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Abstract—The basic concepts of high-resolution extreme ultraviolet nanolithography, which isaimed at pro-
ducing ultra-large-scale integrated circuits (with an integration one or two orders of magnitude exceeding
present-day integration levels), are reviewed and substantiated. The problems in and the current status of this
field of technology are considered. © 2005 Pleiades Publishing, Inc.

INTRODUCTION

The central issue behind the fast progress in micro-
electronics over the past 40 years has been the continu-
ous shrinkage of the minimal feature size (a,,,). Until
recently, the advances have been provided by refining
photolithography equipment operating in the visible,
ultraviolet, and near-vacuum ultraviolet ranges of elec-
tromagnetic radiation. A resolution as high as a;, =
0.1 um has been achieved to date using modern photo-
lithographic tools.

The key advantage of optical patterning isthe possi-
bility of parallel transfer of apattern consisting of many
millions of features owing to the wave nature of optical
processes. It is this approach that has provided a high
economic effectiveness of planar technology and made
it possible to fabricate ultra-large-scale integrated cir-
cuitswith an integration level of 10"—10° transistors per
chip.

Analysis of the current tendency toward a continu-
ous decrease in the integrated circuit (IC) minimal fea-
ture size showsthat this parameter will inevitably go far
beyond the submicrometer range down to a,;,, = 10—
60 nm.

Figure 1, based on a great deal of published data,
demonstrates how a,,;,, has varied with time. It is seen
that the progress in microelectronics throughout its
evolution has been related to an exponential decreasein
a.in, With the exponent of the evolution curve being the
same; namely, a.,;, has decreased by about 13% annu-
aly. However, the capabilities of optical systems are
restricted by the diffraction limit: the pattern linewidth
cannot be much smaller than the radiation wavelength.
According to the Rayleigh criterion, the minimal fea-
ture size (linewidth) is proportional to radiation wave-
length A,

an, = KANA, (1)

where Kk is a proportionality coefficient and NA is the
numerical aperture of the objective lens. A further
decrease in the wavelength, which implies a deeper
advance into the vacuum ultraviolet, poses challenging
problems. These are the absence of natural transparent
materials suitable for UV optics and pattern photo-
masks, as well as the difficulty in designing efficient
radiation sources in this wavelength range. This neces-
sitates a search for nontrivial technological solutions
providing a further progress in microelectronics. Spe-
cifically, flying out of the sub-100-nm range becomes a
bottleneck, since materials that do not too highly
absorb electromagnetic radiation in this wavelength
range (up to hard X rays) are lacking.

Up to now, focused electron-beam lithography has
been viewed as a method that might fully meet the
requirements of submicron electronics. The potential of
electron-beam lithography in achieving a high resolu-
tion iswell known: transmission electron microscopes
currently available provide a resolution as high as sev-
eral angstroms. However, fast electrons penetrating
deep into the material cause a number of secondary
effects smearing the pattern. Yet, nanometer feature
sizes here are quite feasible; unfortunately, another
problem is highlighted in this case. Focused electron-
beam lithography implies sequential (point- or feature-
wise) exposure, which greatly extends the patterning
time. This circumstance is the irreconcilability of the
tendency toward an exponential increase in the integra-
tion level (Fig. 1b).

Theradical way out in this situation (asin other sit-
uations bearing on avery large number of events) or, in
other words, provision of efficient further development
consists in making a multitude of elementary processes
proceed in parallel. In practice, the projection versions
of electron- and ion-beam methods of lithography run
into the mask problem, which can hardly be resolved.
An electron-(ion-)beam mask contains small patterns
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Fig. 1. Variation of minimal feature size (linewidth) a,,
(upper part) and integration level (lower part). Year 2000:
Pentium 1V, n = 4.42 x 106, 0.18 pm design rule; Pentium
IV Northwood, n = 5.5 x 107, 0.18 pm design rule. Year
2003: Pentium 1V Prescott (n = 1.2 x 10%) and SRAM (n =

3.3 x 108), 0.09 pm design rule. Year 2006: n = 3.5 x 108
(Intel’sforecast). Linesc and d: Meindl’sforecast (Stanford
University, the 1980s) according to which the minimal lin-
ewidth provided by electron-beam lithography will be
A = 0.25-0.50 pm.

(fragments) that are transferred simultaneously. To this
end, however, the mask must be transparent to an elec-
tron (ion) beam. Sophisticated and expensive facilities
and processes have been developed for this purpose,
such as SCALPEL (the thickness of the transparent
mask is no more than 100 nm). With such masks,
today’s ICs can still be fabricated; in the near term,
however, they may become inappropriate.
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Let usreturn to the lower part of Fig. 1. Linesc and
d refer to the Meindl’s forecast made in the 1980s at
Stanford University, according to which electron
lithography will provide a,;,, = 0.25-0.50 um by 2010-
2020. This prediction turned out to be understated: an
even higher resolution has already been achieved with
conventional lithographic tools using vacuum ultravio-
let excimer lasers. For example, Intel Co. announced its
0.09-um technology at the end of 2003. Such a resolu-
tion was achieved with standard 193-nm ArF excimer
lasers, phase-contrast masks, and specially tailored
resists. Moreover, it is expected that the resolution may
beimproved still further (down to 0.065 um) even with-
out resort to shorter wavelength (157-nm) F, lasers.

Owing to the wave nature of the processes and the
possibility of parallel transfer of the IC entire pattern or
itsmajor part onto a semiconductor wafer, photolithog-
raphy will be used until its potential is completely
exhausted. Demand for nontrivial approacheswill arise
when a,;,, shrinks down to 0.07 um or below. The lack
of adequate transparent materials forces designers to
try mirror optics. In this case, however, the numerical
aperture of the objective lens reduces noticeably and,
hence, the resolution drops.

CONCEPT AND DESIGN OF AN EXTREME
ULTRAVIOLET EXPOSER
FOR NANOLITHOGRAPHY

The aforesaid makes us turn to wave processes in
the extreme ultraviolet (EUV) range (10 < A < 50 nm).
This range borders that of soft X rays, A <10 nm. Itis
inthe EUV rangethat agreat step forward in designing
reflection optics and efficient radiation sources has
been made in recent years. This progress has been
achieved largely in the course of developing new-gen-
eration weaponry (specifically, X-ray lasers). The cen-
tral point here is the creation of mirrors that efficiently
reflect EUV radiation and soft X rays. To this end, a
multilayer Bragg coating is applied on the atomically
smooth surface of a massive substrate with a given cur-
vature.

By way of illustration, Fig. 2 shows the typical
wavel ength dependence of the reflection coefficient for
the Mo/Si multilayer coating, which proved to be one of
the most efficient systems in this respect. On Mo/Si-
coated Bragg mirrors, reflection coefficient R today
approaches 70% at 13.4 nm (the theoretical value is
Ryax = 74—78%). In the wavelength range 10-15 nm, a
reflection coefficient as high as R = 60% has been
achieved; however, the fundamental (absolute) maxi-
mum in thisrange liesnear 13.4 nm [1, 2]. That iswhy
main efforts are concentrated on using just this wave-
length.

Figure 3 demonstrates the specul ative dependences
of the maximal resolution on the photon wavel ength or
energy. Obviously, the EUV range, as well asthe long-
est wave part of soft X rays, is the most promising for
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Fig. 2. Typical reflection spectrum of aMo/Si-coated Bragg
mirror.

fine-line lithography. Straight lines 1 and 1' refer to
contact lithography including proximity X-ray lithog-
raphy. Here, a.,, = (2\d)Y2. Continuous line 1 refersto
0 =10 pum; line 1', to the“zero gap.” Thefamily of lines
2 refers to projection lithography for NA varying from
1.0t0 0.6. Here, a,,,, = KA/NA. Curves 3 and 3' show the
restrictions due to the generation of photoelectrons,
which smear the pattern, at different material densities.
Finaly, straight line 4 isthe restriction due to backscat-
tered electrons (in electron-beam lithography). Thus,
only EUV or soft X-ray lithography with reduction
Bragg optics may radically overcome the nanolithogra-
phy difficulties; however, losses due to incomplete
reflection may be minimized (within 30-40%) only in
theinterval 13.4 + 2.0 nm.

The leading tool developers and research organiza-
tions worldwide are now concentrating on design solu-
tions for EUV exposers that are capable of patterning
ULSI microprocessor slices of density 108-10'° per
chip. The basic idea here is fragmentwise patterning by
means of a projection reflection optical system using
multilayer Bragg coatings. Thisisafundamentally new
|C pattern generator (having no analogues in conven-
tional microtechnology), which exploits the step-and-
repeat approach and is essentially an EUV projection
wafer stepper. Here, EUV radiation is emitted by a
plasma that is generated by a high-power pulsed laser
focused on a target. The related optics and mask are
fabricated in the same way as reflection X-ray optics
with multilayer Bragg coatings. The coatings are
applied on atomically smooth substrates, which are flat
(EUV mask) or have adesired curvature (objective lens
and condenser). The IC layout demagnified M times (M
is the demagnification of the objective) is patterned in
the absorbing layer by the standard methods of photoli-
thography or focused electron-beam lithography (since
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Fig. 3. Estimated dependence of minimal linewidth a,,, on
the actinic radiation wavel ength or photon (electron) energy
for different lithography methods. Contact photolithogra-
phy up to the X-ray range (proximity X-ray lithography);
here, anir, = (2A8)Y2 (1, gap 8 = 10 um; 1', “the zero gap”).
Projection photolithography for NA varying from (2') 1.0 to
(2) 0.6; here, ayi, = KA/NA. Curves 3 and 3' show the limi-
tations due to image-smearing photoelectrons at different
material densities (curve 3' correspondsto ahigher density).
Curve 4 shows the limitation due to backscattered electrons
(for electron-beam lithography). (1) Infrared, (I1) ultravio-
let, (111) vacuum ultraviolet, (1V) far and extreme vacuum
ultraviolet, (V) soft X rays, and (V1) hard X rays.
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Fig. 4. Schematic of an EUV nanoexposer with a laser-
plasma source of radiation.

the mask is used many times, the time of its formation
is not acritical point here). The surface of the wafer to
whichthelC patternistransferred in stepsis covered by
a specid film (EUV resist). An EUV exposer is sche-
matically shown in Fig. 4. Basically, it consists of four
units: (i) an EUV source illuminating the mask, (ii) a
mask assembly carrying the enlarged layout of an IC
layer, (iii) apatterning optical system, and (iv) asample
assembly (the sampleis coated by an EUV resist).
Significantly, the development of EUV facilities
should be additionaly supported by a number of
advanced techniques, of which dose control in the vac-
uum ultraviolet, EUV, and soft X-ray ranges; spectral



538

control of radiation and materials;, and mask technol-
ogy are the most important. Relevant research is now
under way.

EUV SOURCE FOR NANOLITHOGRAPHY

Synchrotron radiation, which was used in early
studies by American and Japanese authors, is certainly
avery efficient EUV source. It is very convenient for
extensive research in this area. However, bulky and
expensive storage rings may strongly retard the intro-
duction of synchrotron radiation into the semiconduc-
tor industry. In addition, the specialists involved in the
American project believe that application of synchro-
trons may monopolize the semiconductor industry,
which isundesirable and should be avoided [3]. In their
opinion, the space occupied by an exposer for nano-
lithography (hereafter, nanoexposer) should not exceed
4 x 4 x 4 m and its price must be moderate (no higher
than $10 M) so that any medium lithography user may
buy it (this statement can hardly be open to argument).
Therefore, most early works considered the laser
plasma as an alternative EUV source. The plasma gen-
erated by a pulsed laser radiation striking solid, liquid,
or gaseous objects is an effective source of EUV and
soft X-ray radiation.

However, the industrial application of the nanoex-
poser poses the problem of high throughput, which is
difficult to combat. For example, the throughput
achieved on an ASML TWINSCAN AT : 1200B wafer
scanner/stepper, which offers a resolution of 0.08 um,
is 103 circuit layers per hour on 300-mm silicon wafers
at 109 exposures of 26 x 33-mm chips [4]. The power
level providing such athroughput is unattainable with
laser-plasma-based EUV sources currently available.
This has given impetus to a search for new approaches
including those based on the well-known methods of
generating dense high-temperature discharge plasmas.
Some of the new processes have already been tested as
means for carrying out a controlled thermonuclear
reaction but failed in producing ultrahigh temperatures.
Among them are the Z (linear) pinch, © pinch, plasma
focus, capillary discharge, vacuum arc, and their com-
binations (including combinationswith alaser plasma).
Also, much attention is now given to implementing an
X-ray laser, which may lase directly at 13.4 nm (the
wavelength of interest in the EUV).

Nevertheless, the laser plasma remains a convenient
and efficient EUV radiation source. The source as such
here is arapidly (with arate of ~10° cm/s) expanding
(up to 20-fold) ionized cloud of the target material
plasma heated to temperatures of (0.12—1.20) x 106 K
(or to 10-100 eV). A quasi-point source of radiation is
very convenient for developing and optimizing the
optics used. Initially, plasmaof heavy metalswastried,
since they offer a high conversion efficiency (about
1% per 21 s in the nanoexposer “operating” range
13.4 nm £ 2% nm). Emphasis was on the continuous
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part of the radiation spectrum. In this case, however, a
plethora of debris contaminating the optical system and
quickly making it inoperative has presented an impen-
etrable obstacle. Mask contamination, resulting in
large-scale reproduction of faulty chips, is particularly
dangerous. Many expedients to protect the optics have
failed. Then, researchers turned to supersonic gas jets
of aheavy inert gas, xenon. The laser plasma of xenon
was used in radiation sources intended for the devel op-
mental EUV exposers produced by American and Euro-
pean companies. Basically, application of an inert gas
as a target combats the problem of contamination. In
the radiation source, the collecting mirror, being in the
immediate vicinity of the target of the converter, runs
into danger to the greatest extent. Only this component
exhibits corrosion traces due to bombardment by high-
energy ions and atoms of the inert gas (xenon jet),
which cuts the service time of the mirror. More signifi-
cantly, contamination is prevented at the expense of
conversion efficiency n, which drops down to severa
tenths of a percent and is then difficult to raise to rea-
sonable values. The value n = 0.7% is considered as
ultimate for Xe gas (the maximal value achieved to date
isn = 0.55% [5]). A reason for such alow valueisthe
low density of the gaseous target. In an attempt to raise
the conversion efficiency, the laser beam has to be
directed to the near-nozzle region, where the density is
the highest. In this case, one runsinto therisk of nozzle
damage and contamination by nozzle materia parti-
cles. Theway out might beto form Xe clusters or apply
liquid or solid xenon. Recent experiments using the
above approach have demonstrated that relatively high
conversion efficienciesup ton = 1.5% are feasible.

The theoretical studies and spectroscopic analyses
performed up to the present time have made it possible
to establish an extremely important fact. Namely, EUV
photons in the range of interest come largely from a
10-fold ionized xenon ion Xe'%*, and the emission here
is dueto the discrete absorption lines that are attributed
to a series of transitions involving the fourth and fifth
atomic shells: 4pf4d® — 4p°4d® + 4d’(4f + 5p). How-
ever, theradiation at the necessary wavelength 13.4 nm
is accounted for by the weak transitions 4p®4d® —
5p4d’ and is much weaker than the radiation at 11 nm,
which is accounted for by other transitions within the
fourth shell (n=4 — n* =4[6]) (Fig. 5). Anincrease
in the excitation intensity shifts the maximum toward
shorter wavelengths rather than enhances the emission.
As follows from calculations, the laser power density
exciting the line at 13.4 nm must not exceed 10'°—
10%2 W/cm? and the maximal electron temperature must
be no higher than 55 eV [6].

Moreover, the conversion efficiency may be raised
only if the process of plasma generation is separated
from heating of the plasma to a desired temperature.
This may be done using a sequence of two pulses sev-
eral nanoseconds distant from each other [7].
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Thus, Xe cannot be viewed as an appropriate mate-
rial compatible with mirror optics, which offers the
highest reflection coefficient (i.e., the reflection at
13.4 nm). Analysis shows that the material of choice
here is that with an atomic number of 50 (Sn), which
provides the highest conversion efficiency at 13.4 nm.
Asthe atomic number increases (Sb, 1), the wavelength
shifts to the shorter wave range and vice versa (In, Cd)
(Fig. 6). Furthermore, Li, F, Sc, and O have also been
shown to be of interest asfar as emission a 13.4 nmis
concerned. When highly ionized, these elements
exhibit appropriate lines of the discrete spectrum. Tin
as amedium generating a plasmathat emitsin the EUV
range has recently attracted considerable attention.
Even preliminary experiments turned out to be encour-
aging. A conversion efficiency of about 2% has been
reached, whichispredicted to rise to 3% or even higher.
Using the Z pinch technique and its modifications, one
can provide an optical power onthe order of 10W at the
intermediate focus on the mask [5, 8]. One more advan-
tage of the discharge-type plasma source is the absence
of a high-power plasma-generating laser beam. How-
ever, in this case, one again faces the problem of con-
tamination of the optical path, which must be necessar-
ily solved.

In most recent works, a diode-pumped solid-state
laser is used as a primary source. This laser offers a
number of advantages, among which are operating sta-
bility, ahigh quality of the beam, and ahigh overall effi-
ciency. An array of semiconductor lasing diodes used
for pumping makes it possible to attain a high optical
output (from 5 to 20 kW) in the pulsed mode at a pulse
repetition rate of 0.5-15 kHz. A high wavelength
(1.06 um) is more likely to be an advantage, since it
minimizes the optimal density of the plasma and
reduces the contamination level [5, 6]. An aternative
might be excimer lasers, e.g., 248-nm KrF or 308-nm
KrCl devices, in which high peak outputs are easier to
attain. However, reliable operation at high average out-
putsin the quasi-stationary mode seems to be problem-
atic here. In both cases, the primary sourceis of sophis-
ticated design and is made using leading-edge technol-
ogies, since, eventually, it governsthe throughput of the
nanoexposer. Figure 7 presents the generalized scheme
of energy losses in the nanoexposer. Along with a low
conversion coefficient, there are many other factors
causing considerable energy losses (see also Tables 1
and 2). Losses due to multiple reflection stand out here.
In the case of an advanced eight-mirror objective lens,
they may increase 300 times. For a standard resist sen-
sitivity of 5 mJ/cm?, the energy of spectral-pure EUV
radiation that is necessary for today’s throughput
requirements to be met varies between 10 and 130 W
depending on the number of mirrors in the imaging
objective lens. A spectral filter used in the system hasa
transmission coefficient of no higher than 50%. Even at
its exit part, an eight-mirror system will consume elec-
tric power of about 2.0 MW, which poses the problem
of heat removal from the source units.
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reflection spectrum of atypical Mo/Si-coated Bragg mirror [6].
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OPTICAL SYSTEM

The nanoexposer has a number of special features
associated with the mirror optics in general and with
Bragg reflection coatingsin particular.

(1) The mirror opticsisfree of dispersing elements;
therefore, the ray path is wavelength-independent and
the system may be tested with electromagnetic radia-
tion of any range provided that theradiation isintensely
reflected from the surface of the mirrors.

(2) The mirror optics cannot have a numerical aper-
ture close to unity. To this end, the last mirror but one
must be placed exactly at the focus of the last (pattern-
ing) mirror, i.e., in theimage field. The numerical aper-
tureis maximal if the image field is minimized.

(3) Bragg coatings are, in essence, interference fil-
ters for wavelength A. For coatings used in the system,
the wavelengths of reflection maximamust fall into dif-
fraction zone AA. Losses are considered reasonable if
spread oA, (<AA) is such that O, /A < 2%.
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Fig. 7. Energy losses in the nanoexposer.

(4) The parameters of Bragg coatings are calculated
for normal incidence. If the multilayer coating has the
same period throughout the mirror, there exists allow-
able deviation AG®,,,, from 102 for the angles of inci-
dence and reflection. This additionally decreases the
attainable numerical aperture of the patterning EUV
objective.

The condenser is a separate optical unit of the
nanoexposer. It is in direct contact with the converter
and so must beisolated from the other optical elements,
as well as equipped with high-capacity pumping facili-
ties and means for removing conversion products.
Thus, the design of the condenser strongly depends on
the conversion method on the one hand. On the other

Table 1. Factorsresponsible for energy lossesin an EUV nanoexposer

Collector | Transmis- Collector
Corverson| efficiency a | sion 3 mirror Reflectivity| Residual | Spectral Mask Mirror (M) objective
efficiency | (angleof of debris reflectivit Rof other | gastrans- [filter trans-| reflectivity transmi ssivi'f T
n, % collection | mitigation Y| mirrors | mission t, | mission t; Rn Yo
dividedby 2m)| system

0.55 0.2-0.3 05 0.65 2M 0.4225
0.70 1.0 0.5 0.65-0.86 0.9 4M 0.1785
15
0.7 Condenser losses 6 M 0.0754
2.2 0.9 1.0 8M 0.03186
3.0 0.7

Table 2. Electrical and optical power levelsin different units of an EUV nanoexposer with a throughput corresponding to an

advanced ASML TWINSCAN AT : 1200B scanner/stepper

. Power P needed Total EUV |Totd radiation .
ser?sﬁ\ﬁt for exposing 100 | Total radiation power P, I(EZSI\I/ectht\)/I; radiation power Py Tgﬁl ecl,alcgl-
S mJem 300-mm wafers on mask surface, W p pW power of primary P**E‘) KW

per hour, W o Por W source**, kW 1
5 2.68* 2M 9.8 77 310 15 150
4M 23 183 734 37 370
6 M 55 434 1736 87 870
8M 130 1027 4110 205 2050

* Die-to-die exposure time losses are 50%, the power values are increased 10 times because of time losses due to scanning.

** Conversion efficiency n = 2%.
*** |aser efficiency n, = 10%.
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hand, the optical path of the condenser must be built on
the same Bragg mirrors as the remaining part of the
optical system if alaser-plasma converter is employed
(the central wavelengths of the refl ection bands must be
very close to each other) and is an integral part of the
entire optical scheme, including the imaging objective
and the mask. Therefore, the condenser, mask, and
objective should be optimized as awhole. Aswas noted
above, Bragg mirrors narrow interval oA into which the
reflection maxima of all the mirrors must fall. Since
OAad A = 2%, thisinterval is roughly 0.27 nm for A =
13.4 nm. Note that this value is not the FWHM of a
spectral line: only that part of the line is taken into
account where the reflection coefficient is fairly high.
Particular emphasis should be placed on the first (col-
lecting) mirror, which is in the immediate vicinity of
the conversion point and, thus, degrades most severely
during operation. The challengeisto extend the service
time of this mirror to 10 000 h of continuous operation
with a decrease in reflection coefficient R by no more
than 10% [5] (in light of this, R of the condenser mirror
was taken to be relatively small, R= 0.5, in calculation
of Table 2). At the same time, the closer the collecting
mirror to the converter and the larger its radius, the
higher the solid angle collecting the EUV radiation and
the higher the efficiency of the source. Typicaly, the
collecting solid angle equals 1.8 s, corresponding to
28.6% of the omnidirectional radiation (i.e., covering
21 starting from the conversion point) [5]. Other
designs of the condenser, i.e., those based on grazing
incidence mirrors, are applied in discharge sources of
the plasma. A radically new design of the condenser
may be related to an X-ray laser with an appropriate
wavelength.

Since energy losses due to incomplete reflection of
the EUV in Bragg mirrors are considerable, their num-
ber should be minimized in both the condenser and the
imaging objective. A two-mirror objective consisting of
alarge concave mirror and small convex mirror (the so-
called Schwarzschild objective) has found application
in X-ray astronomy. For lithography purposes, this
objective was first used in the American nanolithogra-
phy project and has numerical aperture NA = 0.06-0.09
[9]. Such alow aperture is the inevitable cost for arel-
atively largeimagefield. Thereal image hastheform of
anarrow (lessthan 1 mm inwidth) circular arc. To fully
expose (transfer) an IC topological layer, it isnecessary
to scan within a die over the semiconductor wafer sur-
face; so, such an exposer represents a “scanning step-
per” The same idea was employed in subsequent
(refined) versions.

Clearly, the two-mirror Schwarzschild objective
(Fig. 8a) is inadequate in terms of resolution (see the
Rayleigh criterion) and/or image quality. In this case,
the Rayleigh optical resolution could not overcome the
barrier a,;, = 90—-100 nm. It should be noted, however,
that the Rayleigh condition alone, which characterizes
the properties of the image optical field, cannot provide
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Fig. 8. Optical schemes of Bragg mirror objectives: (a) low-
aperture two-mirror Schwarzschild objective, (b) two-mir-
ror high-aperture objective [10, 11], (c¢) commercia four-
mirror low-aperture objective, and (d) four-mirror high-
aperture objective with asmall image field [14].

a high-quality pattern unless special measures are
taken. For example, in the absence of phase-shift masks
and/or high-contrast resists, only afeature size equal to
two or three Rayleigh “lengths’ a,;, can be reliably
reproduced. If the image field size is of minor impor-
tance, the numerical aperture can be greatly increased
by using the modified Schwarzschild objective. Two-
mirror Schwarzschild objectives with NA = 0.3 (ASET,
Zeiss) are currently available [10, 11], and a Schwarzs-
child objective with NA = 0.36 (Fig. 8b) has been devel-
oped and launched in production. However, here the
image field does not exceed 1 mm?. Four-mirror sys-
tems (Fig. 8c) might basically remedy the situation:
they offer an improved NA and still retain a consider-
able image field in the scanning stepper mode. In the
commercial versions of four-mirror objectives, how-
ever, NA isno higher than 0.10-0.14 [11, 12]. A unique
four-mirror abjective (Fig. 8d) has recently been devel-
oped that offers NA as high as 0.485 at the expense of
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Fig. 9. Forecast of minimal resolution ay,, attainable with
mirror objectivesvs. the number of mirrors (M) and numer-
ical apertures[13].
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Fig. 10. Profilogram of the atomically smooth surface with
an rms roughness of 0.1 nm.

theimagefield size (0.5 x 0.5 mm). With such an objec-
tive, linewidth a,;, = 10 nm can be reached owing
solely to the image field quality without using tailored
masks and resists. A considerably higher NAis attained
in commercial six-mirror systems, and eight-mirror
systemsmay provide NA= 0.4 (Fig. 9) evenin commer-
cial versions of the scanning stepper (Zeiss specialists
prediction). Thus, the resolution of a commercial
nanoexposer based on an eight-mirror objective, which
supposedly will come onto the market by 2014, may
reach 20-30 nm [13]. However, energy losses due to
six- or eightfold reflection becomecritical hereat R< 1.

In view of the aforesaid, one cannot ignore image
correction techniques. For example, simple optics may
be equipped with a system of holographic correction.
The quality of mirrors, specifically, the maximal reflec-
tion coefficient achieved with a multilayer Bragg coat-
ing, directly depends on the surface roughness of a sub-
strate to be covered by the layers. Figure 10 shows the
surface roughness measurements on simpletest mirrors
made of Sitall (devitrified glass such as Pyroceram).
Similar results were obtained on quartz glass and sin-
gle-crystal silicon. It follows from Fig. 10 that there
exist techniques providing an rms roughness of 0.10—
0.33 nm. Thus, an atomically smooth surface becomes
a reality! Moreover, the distortion of the aspherica
shape of patterning mirrors may be minimized down to
0.05A or less (at A = 13.4 nm).

SEISYAN

EUV MASK

Essentially, EUV masks are similar to any other
Bragg mirror of the optical system. The only difference
isthat the mask is flat and incorporates alayer (W, Ta,
TaN, Cr, or other materials) efficiently absorbing in the
EUV range. On this extralayer, the M times magnified
pattern of aUL Sl topological layer isformed by one of
the conventional methods (e.g., submicron photolithog-
raphy or focused el ectron-beam lithography). As nano-
lithography matures as a field of technology, produc-
tion of EUV masks becomes an independent chore.
One may expect the emergence of EUV mask suppliers
intheimmediate future. The most feasible substrate for
the masks is a single-crystal silicon wafer, which is
classically used in the IC production. It is not improba-
ble, however, that quartz or Sitall will turn out to be
more appropriate for preparing atomically smooth sur-
faces.

EUV RESIST

The basic problem associated withthe EUV resistis
that all natural materials highly absorb in the EUV
range. The EUV absorption depth of standard organic
photoresists does not exceed 100 nm. It seems most
likely that EUV resists will form a desired patternin a
thin surface layer. Today, single-layer silylated, as well
as two-layer and three-layer, compositions are being
studied most extensively. A resist intended for large-
scale production must offer both a high contrast (in
image transfer) and a high sensitivity, so as to provide
an acceptable production rate. A sensitivity of 5—
10 mJcn?? is considered as meeting the production
requirements most adequately, since this value is a
tradeoff between aproduction rate and alevel of fluctu-
ations due to photonic shot noise [14].

The EUV resist must have not only good optical
properties but also a high chemical performance. For
fine-lineresists, line-edge roughness becomes acritical
issue irrespective of the lithography method used. The
EUV resist must be ableto combat this problem aswell.
When the feature profilesin real resists are simulated,
the illumination nonuniformity and resist—developer
interaction are classically included in the following dif-
ferential equation for the linewidth:

dy/dx = (dy/9E)(AE/0x),

where E is the absorbed energy.

For aweakly absorbing resist and weakly reflecting
substrate, the first factor depends on the properties of
the resist—developer pair and the second only on the
performance of the optical system. Then, thefirst factor
is directly proportional to contrast y and inversely pro-
portional to energy exposure E, sufficing to transfer the
image (to develop the resist); i.e., oy/0E Ly /E,. Next,
taking into account that the contrast depends on the
inverse optical density of the resist material y O (3 +
ad)™, where B isaconstant, a is the absorption coeffi-
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Fig. 11. Photoabsorption cross section Ayp vs. the atomic number for different elements.

cient, and d is the resist thickness), we find, in a first
approximation, the functional dependence of the fea-
ture profile on the parameters of the optical system and
resist,

dy/dx O [NA/(A(B + ad)Eg)] [1 —Kk(AzZ(NAYZA)] 2.

Here, Azisthe offset from the center in theimage plane
and k is a coefficient close to unity. From this expres-
sion, it follows that high-contrast resists with low opti-
cal density ad provide a shaper feature image upon
developing. A decrease in the optical density through
thinning theresist is possible down to acertain limiting
thickness at which the resist film is still free of defects
and composition and thickness fluctuations are negligi-
ble. Also, the limiting (least) thickness depends on the
resistance of unexposed areas to the developer. There-
fore, searching for resist materials with an acceptable
sensitivity and low absorptivity remains to be a topical
issue [15].

Under our conditions (13.4 nm, 92.5 eV), the photo-
absorption cross section is determined mostly by inner
atomic shells; in other words, the absorption of the
resist material depends only on its stoichiometric com-
position and is amost independent of the chemical
bond structure. Figure 11 plots the calcul ated photoab-
sorption cross section against the atomic number for the
wavelength 13.4 nm.

Conventional organic resists consist largely of car-
bon, hydrogen, and oxygen but may also contain nitro-
gen, fluorine, and other elements. Calculations show
that fluorinated polymers cannot be used as photore-
sists because of their high absorptivity. It has been
found that aromatic hydrocarbon radicals incorporated
into polymers considerably decrease the absorption
coefficient at A = 13.4 nm. In addition, these radicals
may greatly improve the chemical resistance of amate-
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rial to adeveloper and, thereby, favor the use of single-
layer EUV resists.

Silane polymers have the lowest linear absorption
coefficient and are, thus, the most promising for EUV
lithography. Siloxane polymers also have alow absorp-
tion coefficient but mostly because of their low density.
The advantages due to the low absorption of silicon are
inconspi cuous when siloxane polymers are used [15].

When introduced into polymers, radiation-sensitive
side groups increasing the radiation yield of reactions
of polymer destruction under exposure may raise the
sensitivity to several mJcm?. However, the contrast of
the resists thus prepared drops to unity. Note that the
sensitivity and the contrast are in inverse proportion to
each other [16]. Important features of organic EUV
resists are their linearity and also the fact that the
energy exposure is independent of the exposing radia-
tion intensity. The intensity and the exposure time are
“interchangeable” here: only the integral dose taken up
by the resist is of significance. Therefore, alow radia-
tion intensity can be compensated for by alarge number
of radiation pulses; hence, operation at a high repetition
rateis preferable.

The left side of Fig. 12 shows 2004—2005 predic-
tionsfor NA and coefficient k; in the Rayleigh criterion,
together with the achievementsin this area[17] during
the evolution of the UV scanner/stepper technology.
The natural trend toward making NA as close to unity
as possible (in 2003, the best objective had NA = 0.85)
and reducing k; as much as possible is obvious. By
using phase-shifting masks, high-contrast photoresists,
etc., it was made possible to considerably reduce the
value of k; (down to =0.425 or lower). With these
means, a design rule of 0.09 pum was introduced into
practice using an ArF laser wavelength of 193 nm (i.e.,
a.,in = 0.5\). Unfortunately, neither phase-shifting
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Fig. 12. Tendency toward an increase in numerical aperture
NA of transmission objectives and for a decrease in coeffi-
cient kq in the formula for minimal linewidth a.,,. On the
left (up to year 2004), conventional photolithography [17];
on theright, predictions (pentagons) relying on the applica-
tion of immersion liquids[20]. g lineand i line are the radi-
ation wavelengths 436 and 365 nm, respectively, of a mer-
cury arc lamp; KrF, ArF, and F, stand for the wavelengths
248, 193, and 157 nm of the related excimer lasers.

I p(z=0)

Resist

Fig. 13. Contrast enhancement in a photoresist imaging fea-
tures of size finer than that following from the Rayleigh cri-
terion.

masks nor high-contrast resists appropriate for the
EUV range are available.

Thus, development of efficient high-contrast EUV
resists becomes a key issue. Tackling this problem is
really of great importance, since objectives with Bragg
coatings inherently cannot possess a high numerical
aperture, as was noted above. It was shown experimen-
tally that a number of thin inorganic films exhibit a
giant contrast in image transfer, which shows up under
specific irradiation conditions [18]. Based on this
effect, one could compensate for resolution losses due
to alow numerical aperture of the optics. This effect
can be phenomenologically described with three equa-
tions (akin to the well-known Dill equations) that take
into account the nonlinear character of photochemical
interaction and a change in the optical constants at the
actinic radiation front [19]. Centra here is the consid-
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eration of a phenomenological function accounting for
nonlinear processes in photochemical interaction. The
best image quality is obtained if a certain relationship
between the resist material parameters and exposure
parameters is fulfilled, as follows from analysis. With
this condition met, the edge profile of a feature devel-
oped (transferred) becomes much sharper relativeto the
light field (the contrast enhancement effect, Fig. 13).
Experiments also show that, along with a high contrast,
ahigh optical sensitivity reaching 3 cm®/kJ at a thresh-
old radiation flux of lessthan 17 kJ/(cnv? s) (AsSe) may
be attained. Therelated energy exposure needed for full
devel opment does not exceed 2-3 mJ/cn? for afilmless
than 100 nm thick. However, this photoresist is nonlin-
ear and, therefore, the radiation intensity and the expo-
sure time are not interchangeabl e: the energy of each of
the pulses applied must exceed some threshold energy.
As follows from simulation, the threshold energy den-
sity for AsSe equals 0.34 mJcm? (at a pulse duration of
20 ns). Basically, other EUV resists may be found.
Clearly, application of nonlinear inorganic resists
requiresthat the basic units of the nanoexposer be mod-
ified. The number of mirrors should be minimized, and,
possibly, special correction schemes will be necessary.
Furthermore, the peak (rather than the average output)
power density exceeding a threshold value of 10—
20 kW/cm? will be the critical parameter of the source.
The exposure dose necessary for development can be
accumulated by repeatedly exposing the resist to
higher-than-threshold EUV pulses. Eventualy, an
extremely high resolution (higher than the resolution of
a similar system based on linear resists) may be
reached. Note, however, that this goal is easier to
accomplish on relatively small image areas and may
require x-y (two-dimensional) scanning in IC produc-
tion. It should be emphasized that a resolution of 10—
20 nm makesit possible to reproducibly fabricate regu-
lar nanostructures with quantum dots and wires, aswell
as mesoscopic devices.

CONCLUSIONS

The fabrication of a commercia nanoexposer
requires that the physicotechnical problems mentioned
above and also anumber of problems of fine mechanics
be solved. Among thelatter are the design of the sample
(and, perhaps, mask) assembly, which must incorporate
a precision table reliably providing a nanometer posi-
tioning accuracy at an overal travel of 300450 mm.
A nanometer accuracy of focusing and alignment of all
topological layers on the sample has aso to be pro-
vided. A more routine yet labor-consuming problem is
designing the nanoexposer as awhole (particularly, its
body) and its mechanical part. Optical adjustment and
focusing of the exposer inthe EUV rangeisalso achal-
lenge. Significantly, the nanoexposer should be pro-
tected against dust and vibration and configured with
differential pumping facilities so as to provide the
ultrafine adjustment of the optical system. Discussion
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of these problems is beyond the scope of this review.
Note only would solving them manifest creating avery
precise contemporary instrument, which would take
advantage of many technology breakthroughs. A con-
siderable barrier to the development of a commercia
nanoexposer is the energy problems of the radiation
source, which were mentioned above.

However, a much more serious circumstance that
may significantly postpone the entrance of the nanoex-
poser to the market is the recent idea of immersion as
applied to a standard scanner/stepper based on a
193-nm ArF excimer laser [20]. It has turned out that
water (with refracting index n = 1.43) may be injected
into the space between the imaging objective and semi-
conductor wafer virtually without adversely affecting
the image quality. Because of this, the operating wave-
length can be decreased n-fold, 193/n = 135 nm. The
numerical aperture of the objective increases n times
with asimultaneousincrease in the depth of focus. This
greatly extends the potentiality of conventional photo-
lithography, essentially giving a chance to advance
lithography into the EUV range. It is today difficult to
estimate the actual capability of thisnew approach. The
advertising statements of leading lithographic tool pro-
ducers may befar from reality. However, it has become
known that the Intel 0.065 pm process announced in
2006 will likely be based on this approach. Certainly,
application of such a technology is much more cost-
effective than the production of sophisticated EUV
lithographic facilities. Other transparent immersion lig-
uids with refractive indices somewhat higher than that
of water may also be used. The predicted values of NA
and k; are shown on the right of Fig. 12. According to
the estimates (which may seem to be somewhat opti-
mistic), a resolution as high as 22-35nm may be
reached by 2014 without radically redesigning the
existing facilities. Thus, upgrading of present-day
exposers based on ArF excimer lasers makes the devel-
opment not only of exposers based on 157-nm F, lasers
but even of EUV nanoexposers aimed at 20-65-nm
design rules meaningless.

The elaboration of the idea of immersion nano-
lithography using excimer lasersleavesonly anichefor
extremely high resolution near 5-20 nm where EUV
nanolithography still remains unrivaled. Such a high
resolution can hardly be obtained without considerably
cutting the actinic radiation wavelength, i.e., without
resorting to the EUV at 13.4 nm. However, this godl
seems unredlistic unless EUV nanolithography pro-
cesses and equipment are refined. Along with an
increase in the numerical aperture of theimaging objec-
tive to a maximum possible extent, this requires appli-
cation of high-contrast nonlinear resists. Development
of two- or four-mirror objectives provided with image
correction schemes becomes atopical problem. Still more
advanced tools for image improvement are now under
development. As was noted above, a four-mirror objec-
tive (Fig. 8) makes it possible to pattern 10-nm-wide
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features (lines and spacings) with a reasonabl e contrast
even in the light field. It is natural to assume that the
only way to further shrink the linewidth (at least twice)
is application of nonlinear resists. There is already no
doubt that a high-resolution EUV nanoexposer will be
created in the near future. However, wide application of
such facilities must be preceded by designing ULSI cir-
cuits based on new-generation mesoscopic and quantum-
Size gpproaches. These new approaches are expected to
displace the conventiona technologies, such asinsulated-
gate MIStransistors, which have exhausted their poten-
tialities nearly completely. Therefore, at least at the
early stage, high throughput will not be a critical point
in ultra-high-resolution EUV nanoexposers.
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Abstract—The possibility of converting the modulated electron flux energy to electromagnetic oscillations
(transition radiation) when the flux collides with an unmoved metallic screen is considered. The interference of
waves arising at different sites of the screen changes the spectral—angular distribution of the radiation energy den-
sity. These changes are analyzed with alowance for atime delay between radiations coming from different parts of
theinclined bunch. A plausible mechanism behind the frequency shift of interference maxima, which is observed
when the angle of inclination of the screen is changed, is discussed. © 2005 Pleiades Publishing, Inc.

About 60 years ago, Ginzburg and Frank showed
that a charge uniformly moving with a slower-than-
light velocity may radiate el ectromagnetic waves. This
happens when the charge moves in a medium the char-
acteristics of which vary in space and time [1, 2]. This
transition radiation isapurely classical effect, whichis
completely described by the Maxwell equation.

In practice, thetransition radiation is used largely in
detectors of charged relativistic particles and high-
energy beams. Specifically, it isapplied for lepton iden-
tification in high-energy physical experiments[3]. Note
also that this type of radiation was observed in X-ray
tubes as anode “ glow” well beforeits theoretical expla-
nation. This effect was explained only after the theory
of transition radiation had been devel oped.

The theory of transition radiation was elaborated
upon in [4, 5] and other works. In particular, Anisimov
and Levitskii [6] formulated atheory of transition radi-
ation and surface wave excitation for the case of normal
incidence of a modulated electron beam on the bound-
ary of aplasma.

The spectral and angular characteristics of the tran-
sition radiation from a periodic train of extended elec-
tron bunches differ considerably from those of the tran-
sition radiation from a single electron [7]. Interference
redistribution of the transition radiation energy may
result in its concentration within a narrow frequency
and/or angular range; thus, the radiation efficiency at a
selected frequency may increase drastically.

In this paper, we consider the transition radiation of
an electron flux modulated in the field of a traveling
electromagnetic wave (Fig. 1). Such a wave may be a
microwave (submillimeter) beam in free space, an Nth
harmonic generated when microwave radiation passes
through a nonlinear medium (at terahertz frequencies),

T Deceased.

or a focused optical or UV laser beam. Wide (wider
than the radiation wavelength) sheet electron beam 1
passes through focused linearly polarized electromag-
netic beam 2, in which the electric field vector is
aligned with the beam particle velocity. When passing
through the electromagnetic beam, the electrons
become velocity-modulated and, continuing to move,
group into bunches 3. The bunches fall on stationary
metallic screen 4 and generate transition radiation 5.
We obtained the frequency and energy characteristics
of the radiation and its directional patterns. It was also
found that the frequency of interference fringes can be
controlled by rotating (inclining) the metallic screen.

A distinct feature of electron bunching in the system
shown in Fig. 1 isthat the flux is not filamentary in its
cross section, sinceit is sufficiently wide. Accordingly,

Fig. 1. Bunching of an electron flux and the inclined screen.
1, electron flux; 2, electromagnetic beam; 3, electron
bunches; 4, metallic screen; and 5, transition radiation of the
electron bunches.

1063-7842/05/5005-0546$26.00 © 2005 Pleiades Publishing, Inc.
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the modulation of the electrons that are more distant
from the radiation source will lag behind by the time
taken for the light to travel the difference in distances.
As a result, the electrons group into linear bunches
making angle a with the propagation direction of the
electromagnetic beam.

Let us calculate this angle. The longitudinal electric
field of a monochromatic el ectromagnetic beam can be
written in the form

E(x,y,zt) = Ei (XY, z)sm@x coolg (D)

where E; is the field amplitude, wy is the circular fre-
guency, and tisthetime.

Let (X, Z,) be the coordinates of bunch B (Fig. 1) in
the planey = 0 and t, bethetime of arrival of an electron
at the bunch. We restrict our consideration to the two-
dimensional problem, d/dy = 0. If ®(x) is the phase of
the electron exit velocity at a point with coordinate x =
X a timeinstant t,, then

D(xp) = 00 — Woty + Yo, (2

where |, isthe phase dlfference between the exit veloc-
ity and electromagnetic field at timet,.

Thevelocity of electron A (with coordinates (X, z,))
at the exit from the modulating beam at time t, can be
written in the form

V(Xpr to) = Vo +KE (X, 0,0)SIN[P(X,)], ()
where v, is the velocity with which the electron flies
into the beam and k is the velocity modulation effi-
ciency of the beam, which depends on the focusing,
amplitude, and mode composition of the beam.

Note that, in this work, we assume that the space of
interaction, the distribution of the electromagnetic
field, and the velocity of electron motion along the x
axisare uniform; i.e., on/ox =0, 0E,(X, Y, 2)/0x = 0, and
dv/ox = 0. Hence, phase shift |, is also independent of
this coordinate.

The time the particle takes to travel the distance
from the end of the modulator (z,) to the bunch (z,) is

_ 4 —74
b=t = U TRE, SN[O00] @

Using the law of conservation of charge, I,dt; =

I, dt,, we determine the current of the bunch,

Iy = 0
b7 dt,/dt,
lo )
(25— 25) (=KE ) cos[ D (X,,)]’
{Vo+KESn[D(x,)]} *
and then its coordinate.

Here, |, isthe convective current density of the elec-
tron flux flying into the bunch and I, is the current den-

1-—
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sity in the bunch in cross section z,. Assuming that the
modulation amplitudeissmall (kE; < v,), we can write

o
I, = ©6)
b 1+kE1 0 (2 — 20) COS[ D (x,)]

Let us take the maX|maI current of the flux to find
the coordinate of the bunch. The condition I, = 1}, . iS
fulfilled if cog®(x,)] = -1, i.e, if ®(x,) = (2n + DT,
wheren=0, 1, 2, .... Then,

ty = -——(2n+1)£+%.
O

Substituting this expression |nto (4) yields

Voo
o (7)

Eventually, we obtain the spatial distribution of the
electrons in the bunch at fixed time instant t, (see
Fig. 1). Inclination a isfound from (7),

tana = |dz/dxy| = v,/c. (8)

Consider a charge moving with constant velocity
v < c/n, where c is the speed of light in a vacuum and
nisthe refractive index. Under these conditions, Cher-
enkov radiation is absent and the bremsstrahlung of the
charged particles at the target can be neglected. In addi-
tion, we assume that the electrons leaving the vacuum
fall on a nonmagnetic perfectly conducting metallic
screen.

The back-radiation energy is then calculated by the
formula[2]

"4 mnv
Zy = — =Xy + Zo+ Vol + —2(2n+1) —
c Wy

1 q2v25in26
4T 2!
sonzc?'[ DC2Dcos 9}

where 6 is the angle between wavevector k of the tran-
sition radiation and vector —v.

In (9), the angles are taken in the polar coordinate
system where the radius is measured from the point of
incidence of the electrons on the screen. The rotation
(polar) axis of this coordinate system coincideswith the
normal to the plane of the screen, and the coordinates
are specified by angles 6 and ¢ and by polar radiusr.

For convenience, the directional diagrams of the
transition radiation will subsequently be represented in
the polar coordinate system with angles 6' and ¢' and
polar radiusr (angles 8 and 6" are shown in Fig. 1). In
the new system, the polar axis passes through the points
of incidence of the electrons on the screen and is
directed upward on the plane of the screen. The two
systems are related by the formulas

cosB = sinB'cosd’,

Wi(w, 6) = 9)

(10)

sind = Jsin’@'sin’d’ + cos’e'. (12)
In the primed coordinate system, formula (9) takes
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the form
1 g’v3(sin’0'sin’d' + cos’0')

4T Z 2
Eonzcs[l - %V?Esi ne coszq)'}
Consider the transition radiation from a single fila-
mentary bunch under the assumption that its height
equals the distance between point of incidence of
neighboring bunches and the velocity spread in the
bunch can be neglected. Then, for normal incidence of
the el ectrons on the screen, the phase difference for the
point of the filamentary bunch that is displaced by x
from theinitial point is given by
A = ot Aly _ , xtana @ | xwsin®

T, v 21 c

W (w, 8) =

(12)

(13)
= Xt xwcos

Cc C

where At, is the time delay due to different times of
arrival of the electrons from different parts of the bunch
at the screen, Aty is the time delay due to different dis-
tances from the points of incidence of the electrons on
the screen to the observation point, and Ty = 21wy, isthe
modulating field period.

Let us calculate the amplitude of the field on the
screen between two neighboring points of incidence of
the el ectron bunches. The distance between these points
isclearly L = Ay = 21c/wy,. Then, using (13), we get

= x%)(l + cos8'),

E(w,r,0,¢")
)\0
- [0 prcod S coso,
0 C
where
Z(w,r,6,9") = KLJsinze'sinzq)urcosze- 5

cr 2
%L - %5 sn’e' coszq)g

isthe amplitude of thefield of the transition radiation of
the bunch per unit screen length at the point r distant
from the screen (0' is the angle between the wavevector
of the transition radiation and the plane of the screen,
and w is the frequency of the transition radiation), and
K'is aproportionality factor that depends on the screen
material properties and beam current density.

Substituting (15) into (14) yields

E(o.r. 0.4 = KYLASTOSNY + cos’®
) ) ) C

r 2
%L - %sinze' coszq)H

)\0
X J’cos[x%)(l + cose)} dx.
0
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Upon integration, we get

E(o,r. 0.0 = KY_ASNESn’y’ + cos'e
B crw

2
_Y _sn?0' coded
%L C2sm ecosq>D (16)

1

. w .
X 1+ c0s0) sn[ano(l + cosO )}.

The above formulas allow us to construct the angu-
lar and frequency dependences of the transition radia-
tion field amplitude in the plane of incidence of the
electronic filaments and also in the plane normal to the
plane of incidence. The directional diagram of the tran-
sition radiation in the plane of incidence for w = 1.1y,
isshowninFig. 2. It isseen that the transition radiation
from one filamentary electron bunch is highly smeared
over angles. The energy flux density is negligibly small
in any direction. Because of this, we will consider an
interference way of raising the directionality and,
hence, the power density of the radiation.

Calculation of the angular distribution of the transi-
tion radiation from awide (much wider than the modu-
lating beam wavelength) electron flux requires that the
interference of raysfrom equilong (L = A,) areason the
metal surface be taken into account. The expression for
the angle of interference maximum is easy to derive,

(17)

now,
cosf' = —°,

where n isan integer (order of interference).

Thus, at frequencies w < wy, the energy of the radi-
ationisnegligibly low. In the frequency range wy, < w <
20y, there exists oneinterference maximum of the radi-
ation amplitude.

Substituting (17) into (16) yields

E(wr,n,¢") = Kﬂj(wz_nzwg)ﬁnzd)' + W

I w’c®— v (w’ =n‘uy) coszq)'(ls)
2
x — sin[ 2m (' + nzwg)},

W+ Wy  LWW

the angle of nth interference maximum being given by
the expression 8' = arccos( hwy/w). Note that the value
of E is other than zero at any angle ¢', indicating that
the amplitude of the transition radiation field varies
with thisangle only dightly.

The 2D directional diagram of the transition radia-
tion from a long train of filamentary bunches in the
direction ¢' = 0 with the screen placed verticaly is
shown in Fig. 3 (up to the ninth order of interference).

Here, the transition radiation concentrates in narrow
angular and frequency intervals, since the emissions
from different bunches interfere; accordingly, the radi-
ation power density increases significantly.
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Fig. 2. Directional diagram of the transition radiation from
filamentary electron bunches in the plane of incidence at
w= 11wy and v = 0.5c. The plot is constructed in polar
coordinates (r, 8") using formula (16). Here, ' is the angle
between screen plane 4 and the wavevector of the transition
radiation; E isthetransition radiation energy flux in thelog-
arithmic scale.

Consider the transition radiation pattern when the
modulated electron beam strikes the screen that makes
angle 3 with the modulating el ectromagnetic beam. In
this case, the spacing between the points of incidence of
neighboring bunches on the screenis

_ ApSinacosB
~ sn(a-B)”

where a is the angle between the bunch and electro-
magnetic beam (Fig. 1).

Thus, if it is necessary to generate radiation at fre-
guencies equal to, or lower than, that of the incident
bunch, angle B should be selected so that the radiation
intensity maximum is at a desired frequency.

In the case of theinclined screen, the angular direc-
tion of the transition radiation maximum differs from
that for the vertical screen. Instead of (17), we have

(19)

(20)
Substituting (19) into (20), we arrive at

- = o _C
cose—nw(l cotatanf3) nwgl Vtanf%.(Zl)
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Fig. 3. Two-dimensional directional diagram of the transi-
tion radiation from atrain of inclined electron bunches for
the screen placed vertically (w = 3.1wyg). The diagram is
constructed in the polar coordinates using formulas (17) and
(18). Along theradius, the transition radiation energy flux in
certain directions is plotted in the logarithmic scale. Inter-
ference is taken into account up to the ninth order. 1, elec-
tron flux direction; 2, line of incidence of the electrons on
the screen.

From (21), it follows that, if B — o (Fig. 1), inter-
ference maximaare absent. For 3 = a — 102, aninterfer-
ence maximum of the first order will be observed.

Let us trace how the angular direction of the inter-
ference fringe varies with the inclination of the screen.
In view of the fact that the normal component of the
electron velocity changes cosf3 timeswhen the screenis
inclined by angle (3, we find from formulas (18) and
(21) that

v cosf «/si nz(e‘) coszq)' + c0s0"

E(w,r,0,9") =K
crw VZCOSZB in20' coold
%—Tsn cos ¢D
(22)
1 . w '
X mﬂn[zn@(l"‘ cosO )i|,

where 0' = arccos[nok—(;0 (1-cl/vtanp )} :
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Fig. 4. Energy flux of the transition radiation from a wide
electron bunch vs. angle of inclination 3 (expression (22)).
w/wy = 7.1. The bunch potential is 1.5 kV. Modulation is
accomplished with a 694-nm ruby laser. The energy flux is
shown in the direction of the field amplitude interference
maximum.

Figure 4 plots the transition radiation flux density
againgt inclination 3 of the screen at w/wy, = 7.1. For
simplicity, the plot is constructed for the first order of
interference. For all other orders of interference, the
pattern is basically the same.

From Fig. 4, it is evident that a mgjor part of the
energy concentratesin anarrow frequency interval. Itis
also clear that the angle of inclination of the screen can
be taken such that the power of the transition radiation
at a desired frequency rises greatly. Such adjustability
is of great value in designing radiators finely tunablein
awide frequency range.

The maximal frequency of the transition radiation is
limited by the properties of the metal the screenismade
of. Asfollows from the reference books, in the case of
a copper-made screen, the transition radiation disap-
pears at frequencies higher than 2.3 x 106 s1, because
the properties of the metal change at these frequencies.
If the modulation is accomplished using a 694-nm ruby
laser (W, = 2.7 x 10'° s 1), the transition radiation arises
at frequencies up to 8wy,. Figures 3 and 4 imply that the
total radiation power will concentrate in several narrow
angular peaks; accordingly, the transition radiation flux
density increases greatly in the directions of these
peaks (in comparison with the flux density associated
with the unmodulated beam in the absence of interfer-
ence). Varying the angle of inclination of the screen or
theinitial velocity of the electron flux, one can control

ALEKSEEV et al.

the angular and frequency positions of the amplitude
maximain awide range.

Thedatareported in thisarticleindicate the possibil-
ity of using the transition radiation in continuously tun-
able sources of electromagnetic waves. The ways of
concentrating the transition radiation energy at selected
frequencies and within certain angular directions are
considered. Estimation of the power and efficiency of
the transition radiation is left beyond the scope of our
report. Of particular importance is also taking into
account the finiteness of the electron bunch width and
the effect of the bunch on theinterference pattern. Also,
it is of applied interest to estimate the effect of a ther-
mal spread in electron velocities on the width and life-
time of electron bunches. Finally, coherence of thetran-
sition radiation (hence, the validity of considering
interference) in the case of the rough metalic screen
surface deserves special theoretical consideration and
experimental verification. It should be emphasized here
that the last-named problem cannot be solved analyti-
cally. It can be tackled either experimentally or by con-
structing a probability model of surfaceirregularity dis-
tribution on the screen and then applying the model
results in studying the properties of the transition radi-
ation.
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Abstract—The entropy of the steady state of an open electronic system is determined, and its relation to the
entropy arriving at the environment is established. The notion of system ordering is defined, and quantitative
parameters characterizing ordering are introduced. The information and conditional complexity of the system
versus the state of thermodynamic chaos are determined. These values are numerically estimated for vacuum,
magnetron, and Gunn diodes. © 2005 Pleiades Publishing, Inc.

INTRODUCTION

The theory of space-time structures [1-6] that form
in open systems containing alarge number of particles
dates back to the evolution of thermodynamics. The
most comprehensive and consistent thermodynamic
theory of structure [2, 3] is valid under local equilib-
rium conditions, where temperature, pressure, and den-
sity at each point of the system are related through the
equations of equilibrium state, whereas the entropy is
given by the Gibbs formula. This theory has proved
itself adequate in many problems of chemical physics,
hydrodynamics, and biology; however, it is inapplica-
ble, e.g., to electronic systems.

High-field domainsin a Gunn diode [7, 8], vortices
and solitons in a magnetron diode [9-11], and wave
processes in both Penning cells [12] and a plasma [13]
are generated at voltage gradients so high that the prin-
ciple of local equilibrium fails; moreover, the tempera-
ture and entropy are no longer critical parameters of the
system under these conditions. Electron motion in vac-
uum devices is described by time-reversible equations
of mechanics [14], and the energy is dissipated not
inside the device but at its boundaries, e ectrodes,
which are exposed to particles bombarding them from
the outside.

Yet, it is desirable to characterize the degree of
ordering in steady-state electronic (and any other)
structures using classical notions [1-6, 15] such as
entropy, information, and complexity. However, these
guantities do not directly follow from the thermody-
namic theory of structure [2, 3], since this theory deals
with production (variation) of entropy. Being a time
derivative, the associated val ue gives no estimate of the
steady-state value of entropy.

The focus of attention in this paper is electronic
devices. Interest in these devices is associated with

long-range Coulomb forces, which considerably favor
electron self-organization, and also with the fact that
these devices may operate both under near-equilibrium
thermodynamic conditions and under substantially
nonlinear conditions, which are separated from the
states in the thermodynamic branch by points of insta-
bility. This circumstance greatly facilitates verification
of the characteristic functions introduced to uniquely
describe any operating regime. Among such functions
used in this paper are the tranglational entropy, entropy,
information, and complexity of a current steady state.

BASIC CONCEPTIONS

From the theory of electronic structures [14], it fol-
lows that the tendency of electrons toward self-organi-
zation in the devices shows up irrespective of the num-
ber of particles (it may be as small as desired) and a
deviation from thermodynamic equilibrium, however
dlight. In other words, the electronic structures form
both on and beyond the thermodynamic branch, being
distinguished only by the degree of organization. Let us
demonstrate this statement with the devices the syner-
getic theory of which is presented in [14]. By the struc-
ture, we will mean the spatial distribution of electrons,
which is specified by their interaction with each other
and with external fields.

The objects of study are a vacuum diode (VD), a
magnetron diode (MD) and a Gunn diode (GD). The
VD is of interest as a device al states of which lie on
the thermodynamic brunch. The MD is also a vacuum
device, but its steady states are beyond the limits of sta-
bility on the thermodynamic branch. Importantly, when
the cathode emission changes, the MD demonstrates
both regular and turbulent behavior [16]. Asfor the GD,
its steady states depend on the applied voltage and may
occur both on the thermodynamic branch (low field

1063-7842/05/5005-0551$26.00 © 2005 Pleiades Publishing, Inc.
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conditions) and beyond a point of instability (high-field
domain conditions). In addition, unlike the VD and
MD, the GD isasolid-state, rather than vacuum, device
and the energy of its particles is dissipated not at the
boundaries of the system but in the interior. Let us
select quantities that will be used below, starting from
the synergetic theory of these devices[14].

The energy conservation law for an electron device
operating in the steady-state regime is given by

Wy = Wi +W,,. (1)

The left-hand side represents the total internal
energy of the system,

Wy = —eBNU, + NKT.. )

Here,—eBNU, =-€ ,Nn U, dV, wheree< Qistheelectron

charge; n is the electron density in elementary volume
dV; Nisthetotal number of particlesin volumeV of the
device; and U, > 0 is the vacuum potential (of the vac-
uum devicein the absence of electrons). Averaging fac-

tor B < 1 expresses the value of integral yNn u,dvin

units of NU,, where U, is the anode voltage applied
from an externa source. In essence, coefficient 3 indi-
cates the fraction of potential U, per electron on aver-
age. Term NKT, characterizes (up to a factor close to
unity) the thermal energy of the particles, which
depends on cathode temperature T, in VDs and MDs,
and k is the Boltzmann constant. The quantity

WE = Wsc + ZWksiv (3)

ontheright of Eq. (1) determinesthe energy of the elec-
tronic structure, which generally involves the potential
energy

W, = —eJ’nUSCdV >0
\%

of the space charge (U, < Oisthe space charge potential
in elementary volume dV) and the sum of kinetic ener-

gies, Z‘ W, , needed for the structure to move with a

transport velocity in the field of external forces. The
second term on the right of (1),

W, = O.5mJ’nu2dV = 0.5mN L0 (4)
\%

takesinto account the kinetic energy of electron motion
relative to the structure. Here, u is the relative velocity
of the particlesin elementary volume dV and [WCisthe
volume-averaged square of this velocity.

The appearance of particles in the system is
described in terms of probability theory, since the site
and time of emission, aswell astheinitial velocity vec-
tor, are random quantitiesfor each particle. During self-
organization, the particles also gain a coherent compo-
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nent of the velocity, which reflects their collective
movement in space. A coherent motion of alarge num-
ber of particles can be allowed for by introducing a col-
lective degree of freedom. However, in the course of
self-organization, initially random forms of motion do
not disappear, persisting in the relative velocity compo-
nents.

Along with time-invariant quantities N and W, the
steady-state operation of an electronic deviceis charac-
terized by average lifetime @ of electrons in the sys-
tem and energy fluxes incoming to and outgoing from
the device.

At a constant anode voltage, U, > —KT /e, energy
flux dWy/dt = Py = U,l, (where |, = —edN/dt O—eN/@0is
the anode current) enters the device from a power sup-
ply. Within time @ the power source applies energy
W, = —eNU, to the device. For the same time, the elec-
trons dissipate energy W, (dissipation proceeds mainly
at the anode in the MD and VD or in the crystal lattice
in the GD). All energy W, is transferred to the environ-
ment as heat; accordingly, power P, = dW,/dt is the
energy flux out of the device. Thetwo forms of energy are
related by an expression common to al the devices[14],

W, = {W, = -ZeNU,, (5)

where0< ¢ < 1. If the structureis absent or isimmobile
inthefield of external forces, { = 1. Inthis case, energy
W, = —eNU, from the power sourceis completely dissi-
pated, converting to heat. Such a situation is typical of
the GD operating in the low field mode and of the VD
when anode voltage U, > —KT//e. If the structure pos-
sesses a collective degree of freedom, then, moving in
the device space with atransport velocity, it does work

A= Wo—W, = (1-0W, = nW, (6)
with an efficiency n. It is clear from (5) and (6) that
parameter { =1 —n < 1 determinesthewasteful fraction
of energy W,.

For the MD operating in the soliton mode and the

GD in the domain mode, the values of ( are given
by [14]

m
lp = L+ 5 (0Q(ri-r0) = Q).
a
(7)
_ NE
{ep = _NDE'

where r. and r, are the cathode and anode radii of the
MD, w = —eB/m is the cyclotron frequency, B is the
magnetic field induction, M is the electron mass, Q <
w is the angular frequency of the soliton (see figure),
N, isthe number of electronsinthedomain, E,= U/l is
the mean electric field strength in the GD of length I,
and E, isthe electric field strength outside the domain.

Let us consider a number of specific examples to
clarify the physica meaning of the quantities being
used. The structure of the VD is represented by the
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space charge, most el ectrons of which concentrate near
the cathode. Coulomb interaction between the particles
in the space charge is characterized by potential energy
W,.. The space charge as a whole is quiescent; i.e., the
velocity coherent component is zero and, thus, W4 =0,
W, =W,, and { = 1. The kinetic energy of any particle,
0.5mu?, is specified by its velocity u, which depends on
smoothed potential U = U, + U at the particlelocation.
The value of W,, in (4) is defined by the total kinetic
energy of all the particles moving independently rela-
tive to the quiescent space charge.

The electronic structure of low-emission MDs is
represented [11] by the Brillouin “hub,” along which
one (in the simplest case) soliton propagates. The struc-
ture has potential energy Wy, and the wave travels
around the cathode with constant angular frequency Q.
The cross section of this structure in the cylindrical
coordinate system rotating with frequency Q is shown
in the figure. Moving with transport frequency Q, the
wave as a collective object does two works: work
against the electromotive force and work against the
centripetal force. The energies

W, = O.SmJ'n(r2 —r)wQadv,
\%

()
W = —O.5mJ’anQZdV,
\%

spent on doing these works are picked up from the
anode power supply. In the rotating coordinate system,
the mean square of the velocity of the electrons bom-
barding the anode, DIJ§D satisfies the equality Du;Dz
—(2eU/m [14], from which we find parameter { given
by (7), { =Cup < L.

Energy W, of the relative motion of the particlesis
described by formula (4), whose form differs radically
from (8). If W, is a sum of quadratic values, i.e.,
reflects the fact that the particles move independently,
energies W, and W, are expressed in terms of trans-
port frequency Q, which characterizes the coherent
component of the motion of the same particles doing
work coherently. Then, parameter {,,p (see (7)), which
is directly related to the efficiency, depends on the
transfer velocity alone.

In high-field GDs, the structure is represented by a
domain possessing potential energy W, (outside the
domain, the space charge is absent because of the elec-
troneutrality of the semiconductor). The transfer of the
domain to the anode is characterized by drift kinetic
energy W, Thetotal energy of thedomain, Ws =W, +
W,, isnot dissipated in the course of motion [14]. The
existence of the domain is provided by the work done
by the system with efficiency Ngp = 1 — {gp. In this
case, only those electrons dissipate energy that are out-
side the domain. Drifting to the anode independently,
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Space charge structure in the MD’s central cross section.
The lengths and directions of the arrows indicate the mag-
nitudes and directions of the particle velocities; on the sep-
aratrix (dashed line), the velocities are equal to zero.

these particles have total kinetic energy W,, (4). The
facts noted above are reflected in formula (5) with
parameter (7), { = {ep < 1.

Thus, inthe general case, energy Ws of space charge
(3), which represents a collective structure, and kinetic
energy W,,, which takes into account incoherent parti-
cle motions, can be separated out in a device whose
steady-state operating conditions are analyzed in an
appropriate coordinate system. The sum of these two
energies is total energy (1) of the system. There also
exists energy flux dW,/dt = P, escaping the devicein the
form of heat. It isimportant that energy W, of this flux
calculated for lifetime @O of the particles is directly
related only to energy W,,. This relationship has the
form [14]

W, = 0.5mN W= 0W,, 9)
where

6= W<l (10)
is a coefficient that characterizes the nonuniformity of
the particle kinetic energy spatia distribution.

ENTROPY ENTERING AN ENVIRONMENT

Consider an environment into which energy W, is
dissipated as an infinite thermostat whose temperature
T, cannot be measured by ametering device at hand. In
thermodynamics, the generalized coordinate of heat
transfer is entropy S, therefore, the process of energy
absorption by the environment can be described as
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follows:
dw, _ _ - ds
dt Pa = Tedt'
Hence,
ds_ 1
dt Tepa'

Thus, total dissipated power P, is spent to raise the
entropy in the environment. For electron average life-
time @ N electrons will transfer the entropy outside
the device,

A, S = P,OOT, = W,/Te. (11)

The thermodynamic theory of structure [2, 3] uses
the notion of entropy production. For example, for time
@0 aresistor, which alow-field GD is, will produce the
entropy

AS = P,OOONO= W,/ o0

where [T, 0is the temperature appropriately averaged
over the volume of the GD.

Obvioudly, A S< A, S theequality being achievedin
thelimit W, — 0, when [T, [}— T..

In the vacuum devices, the energy of moving elec-
trons is dissipated, being converted to heat, not in the
interior but at the inner surfaces of the electrodes. This
circumstance, however, is of little significance and
expression (11) isequally applicableto vacuum devices
aswell.

Substituting W, given by (5) into (11) yields an
expression for the entropy transferred outside the
device,

AeS = (A Sha: (12)

where
Ay S = —€NU/T, (13)

is the expression common to al the devices, which
determines amaximal amount of entropy gained by the
environment iff energy W, = —eNU,picked up from the
power source is completely converted to heat.

Itisclear from (12) and (13) that entropy A, Sisan
extensivevalue. The ability of aspecific devicetotrans-
fer the energy to the environment depends on parameter
¢. Let usfind the numerical values of this parameter for
the diodes and gain a deeper insight into its physical
meaning.

The space charge of the VD is quiescent in the field
of constant external forces. energy W, = —eNU,, deliv-
ered to the deviceis completely dissipated at the anode,
the electrons travel independently, and { = 1.

We now turn to the MD that was considered experi-
mentally and theoretically in [11, 14, 17]. The cathode
and anode radii in this MD arer, = 215 and r, =
4.5 mm, respectively. For U,=2500V,B=0.14T, w O
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2ntx 3.9 x 10° Hz, and negligibly low cathode emis-
sion, the measured [ 16] and calculated [11] value of the
wave frequency is Q = 21 x 4.06 x 10° Hz. Under
such conditions, we find by formula (7) that { = {yp =
3.3x 102

A low-field GD isaresistor where electrons drifting
from the cathode to the anode gain and completely dis-
sipate energy W, = —eNU,, Inthiscase, { = 1. Under the
high-field domain conditions, we find by formula (7)
that { = {gp = 0.2, assuming [14] that Ny/N < 1 and
E/E,= 0.2

The examples cited above illustrate that, if ¢ = 1,
cooperative forms of particle motion are absent. The
higher the degree of €l ectron cooperation, the smaller .

ENTROPY OF A STEADY STATE

Let us multiply theright- and left-hand parts of (12)
by coefficient 6. In view of (1), (9), and (13), we obtain
anew quantity,

S, = A, S = 010 Sya = OW/T,
= W, /T, = -8ZeNU,/T,,

which will bereferred to asthe entropy of asteady state
of the system. Representing W, as W,, = T.S; and sub-
dtituting this expression into (1) yields the law of con-
servation of energy in the device in the form

Wy = Ws +T.S,. (25)

Thus, total internal energy W, of the system is equal
to the sum of energy Ws of the structure and energy
T.S;, which cannot be converted to the energy of the
structure under current equilibrium conditions and is
“useless’ in this respect. Such an energy is called the
bound energy in the thermodynamics of reversible pro-
cesses. We will apply thisterm to energy W,

The entropy of the steady state,
Sst = Wkr/Te = eerxSmax’ (16)

is proportional to the outgoing entropy. For al the
devices, entropy (11) leaving the system is related to
heat transfer to the environment and, therefore, it is a
thermodynamic quantity. On the other hand, the
entropy of the steady state, W,/ T,, characterizes inco-
herent motions of particles appearing at random; there-
fore, it is a statistical quantity in essence and not in
form. Thus, formula (16) relates thermodynamic
entropy W,/ T, to statistical entropy W,/T,. The different
physical meanings of these quantities are dueto the dif-
ference in their origins. Specifically, entropy S; is
related to total internal energy (1) of the system through
energy W,,, whereas entropy A, Sis associated with the
flux of energy dW,/dt [P, being released from the sys-
tem in the form of heat.

Factor AgSpax 1N (16) indicates that S, is an exten-
sive (generalized) value, whereas the product 8¢ < 1

(14)
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reflects specific features of steady states in each of the
devices and modes of operation. Let us find the values
of product 8¢ for the diodes operating in different
modes.

To begin with, consider aVD with a short-circuited
anode and cathode. At low emission, when the space
chargeis absent, so that Wy = O, the electron velocities
obey the Maxwellian distribution [17] and are kept con-

stant throughout the path. Therefore, W20= DuiDand

coefficient © reaches amaximum, 6 = 1. Thermal elec-
trons produce current |, Since U, = 0, entropy A, S=0,
according to (11). Thus, as was expected, the particles,
being scattered at the anode, give up to the environment
the same amount of energy (entropy) asthey have when
entering the system from the outside.

Intense emission generates the space charge. The
number of electrons with an energy insufficient to get
out of the potential dip rises considerably [17]. The
larger the number of particles in the diode, the deeper

the potential dip, the stronger theinequality WPk m§ 0
and the lower 6.

Consider now a VD where the anode and cathode
are connected through a resistor of resistance R. Cur-
rent |, through the resistor generates voltage U, < 0 at
the anode. From (11), it then follows that A, S<0; i.e.,
the entropy gained by the diode due to incoming elec-
trons will be restored to the environment by the diode
itself only partly, since the remaining part of the
entropy will be restored by the resistor. Let us deter-
mine steady-state entropy S; = W, /T, of the diode in
this case. The value of W,, will be found from energy
conservation law (1), which, in the case considered, can

be written as NKT, = W, + W, + |2 RE0 Eventually, we
have
Sy = (NKT,—Wg —I:RED/T,. (17)
It is clear from this formula that an increase in
energy W, of the space charge, aswell astheinsertion
of aresistor between the anode and cathode, decreases
entropy S;. The electron motion becomes ordered. In
practice, this means the reduction of the electron flow
noise. In terms of thermodynamics, formula (17)
explains the well-known effect of low-frequency noise
suppression by means of negative feedback through the
space charge potential [17] and load resistance.

Let us now apply voltage U, > KT JetoaVD. Ata
low emission rate, when W, = 0, we have 6 =

[P 0= 0.5. As the emission intensity grows, the
space charge forms near the cathode and 6, as well as
product 8¢, diminishes. Entropy S; (16) also decreases,
so the degree of ordering isbound to rise. Indeed, it has
been shown abovethat anincreasein W, suppressesthe
current low-frequency noise [17].
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In the GD, 6 01, therefore, 8¢ O = 0.2 in the
domain mode. In the low-field mode, the GD behaves
asaresistor for which® 01 and ¢ = 1 [14].

Let us now find the value of 8 for an MD with
parameter ¢ known. To this end, the electrons of the
wave are ignored and only the electrons of the hub (see
figure) will be taken into account. The error of such an
approximation is reduced by assuming that the density
of the particlesin the hub, n(r) = 1.7 x 10vm3, isdis-
tributed uniformly and equal sthe density at the cathode
(actualy, it declines gradually [11] over the radius of
thehub, r, = 2.75 mm, and is 17% lower at its outer sur-
face).

The €lectrons in the hub are assumed to circle
around the cathode [ 11] with radius-dependent azimuth

velocity u=r{ =0.5rw(1—r2/r2)—rQ. Here, s isthe

angular frequency of the particle. Under this assump-
tion, the number of electronsin the volume of thehubis

N=nlm(ri —r2) = 1.6 x 10

(wherel = 10 mm isthe MD length) and the energy of
their relative motion,

W, = T|mnIIr3QJ2 (r)dr =8.4x 108 J.

c

From (9) with regard to (5) and (7), we obtain 6¢ =
W,/(eNU,) = 1.3 x 107?; hence, knowing { = {p, We
find that 6 = 0.4.

It follows from the above examplesthat, if 6 =1, the
electron velocities obey the Maxwellian distribution.
The smaller 6, the greater the deviation of the electron
velocity distribution from the Maxwellian law.

As the emission from the cathode grows, the elec-
tron density in the MD hub remains unchanged, while
the number of waves and the electron density in the
wavesincrease [11]. Accordingly, the values of 8 and
change. Eventually, a turbulent regime setsin [11, 16].
Measurements show (see, e.9., [18-20]) that, in fully
devel oped turbulence, the electron velocity distribution
is Maxwellian (0 = 1) with temperature T, > T.. Sup-
posing that the formula W,, = 1.5kT,,N is also applica-
ble in this regime, along with the formula W, =
—B8¢eNU,, we obtain (8Q), = —3KT,/2eU,. In the MD
considered, fully developed turbulence is characterized
by temperature T, = 2 x 10° K [21], which yields
(eZ)trb = Ztrb ~0l14a6=1.

Among the diodes under consideration, only alow-
emission VD, U, < —KkTJ/e, and alow-field GD exhibit
the Maxwellian distribution of electron velocities and
the maximal value of 8¢, 8¢ [01. Such statesin asystem
of particles can be called “electronic thermodynamic
chaos” In the fully developed turbulent mode of MD
operation, we have 6,, = 1 and {,, = 0.14. The value
Cup < 1 testifies that turbulence is a form of coherent
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particle maotion that differs radically from thermody-
namic chaos (¢ = 1). Indeed, experimental data[16, 21]
show that, when the M D operatesin the fully developed
turbulent mode, a statistically averaged set of approxi-
mately 10° jointly traveling electrons, rather than asin-
gle electron, should be viewed as a charge unit. The
results obtained numerically support the concepts of
turbulence, which are accepted in contemporary ther-
modynamics [22, 23] and physics [24, 25].
It isclear from (14) that the entropy

S = W /T, = —8CeNU,/T, (18)

isameasure of incoherent particlemotionspersistingin
a system the rate of which is characterized by bound
energy W,,. Product 8¢ specifies the degree of disorder
in the system. In acompletely ordered system, W, =0
and 6 = 0. In this case, the particles are fixed relative
to each other and occupy sites where the resultant force
is zero. However, such a system is isolated rather than
open. Indeed, through an open system, a particle flux
flows and, hence, condition (9), W, = W, > 0, means
the fundamental inaccessibility of absolute order. It has
been mentioned above that the collective structures in
the VD and MD exchange energy and matter with the
environment owing to just relative vel ocities of the par-
ticles. Therefore, W,, also characterizes the energy of
exchange processes occurring inside the system.

Let us draw intermediate conclusions. In a com-
pletely disordered system, the particles are in the state
of thermodynamic chaos. This state features the abso-
lute absence of correlations and the Maxwellian distri-
bution of electronic velocities. Parameters { and 6
allow for the deviation of a specific state of the system
from thermodynamic chaos. Specifically, parameter
characterizes the coherency of particle motion: when
correlations are totally absent, ¢ = 1, while an increase
in the number of jointly traveling particlesis accompa
nied by a decrease in (. Coefficient 8 shows to what
extent the electron velocities obey the Maxwellian dis-
tribution: for the complete correspondence, 6 = 1. The
greater the deviation, the smaller 6. Based on the afore-
said, parameter { can be referred to as “the parameter
of gpatial disorder of particles’ and coefficient 8 as“the
coefficient of velocity disorder of particles (or their
clustersin the turbulent regime).

ENTROPY AND TEMPERATURE
OF A POWER SOURCE

Formula (6) represents thefirst principle of thermo-
dynamics for electronic devices. If energy W, = —eNU,
delivered to the device is completely spent on doing
work A and transferring heat W, to the environment
(i.e., any other energy losses, e.g., those due to electro-
magnetic radiation, are absent), the Carnot theorem on
maximum work [26] is valid. Entropy A,S = Wy/Tys
transferred from the power sourceto the devicefor time
@0 (here, Ty is the temperature of the power source)
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will be equal to entropy A, S = W,/T, transferred from

the device to the environment. Equating these entro-

pies, we obtain an expression for the effective tempera-

ture of the power source,

— WO

Tos = TeWa .

Ratio T,dT, = Wy/W, = 1/{ demonstrates the effi-
ciency of power source energy usage by the device.

(19)

INFORMATION AND COMPLEXITY

We assume that the Carnot theorem holdstrue at any
changein the operating mode of the device. Then, inthe
absence of hysteresis, all processes taking place in the
device can be considered [26] asreversible and entropy
S (14) of a current steady state can be regarded as
being afunction of this state. This meansthat the entro-
pies of any initia state and any final state are indepen-
dent of the route which the transition between them fol-
lows. Imagine, for example, that the anode voltage,
magnetic induction, and number of electrons are
changed in the MD. It is easy to check that the entropy
of thefinal state will be independent of the sequence of
these changes. Hence, it follows that the difference
between the initial and final entropy valueswill also be
afunction of state.

Let us introduce the entropy of the reference (stan-
dard) state of the system as follows:

Sh = Wy/T, = Ay Sy = —eNU/T.. (20)

This expression coincides with (13) and gives the
entropy of a steady state for which 6 = 1 (see (14)).
Taking the entropy of the standard state, S‘; , astheini-

tial value and entropy S; of acurrent steady state asthe
final value, we arrive at a new function of state,

| = S4-S. (21)

which will be referred to as the thermodynamic infor-
mation.

Using the GD as an example, let us have a closer
look at the evolution of processes taking place in the
device after switching on the anode voltage source. At
the instant voltage U, is applied, product 8 = 1 and the
standard state entropy is described by the relationship

S = Do S according to (20) and (14). After atime,
a high-field domain forms and the steady-state regime

is established, which is characterized by product 8 =
0.2 and entropy S = 0¢AaShax = 0.28Shax-

Let uswrite formula (21) in expanded form,
I = (1-00)AuSnax = (1-60)eNUJ/T,.. (22)

Substantiating the principle of negentropy of infor-
mation, Brillouin [27] put forward the idea that a sys-
tem in the state characterized by a maximal value of
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entropy S, possesses bound information I, = 0. If the
negentropy flux reduces the entropy of the system to
final value S, the bound informationisly = §-S,. In
essence and in form, the Brillouin bound information
coincides with thermodynamic information given by
(21) and (22). Up to aconstant factor the value of which
isinsignificant in the given case, bound information |,
equals the maximal value of the Shannon’sinformation
entropy. Thus, Eq. (21) relates thermodynamic entropy

Sy = —eNU/T,, statistical entropy Sy = W,/T,, and
information entropy |. It is worthy to note that statisti-

cal entropy equals thermodynamic entropy only if | is
zero.

Thermodynamic information has its own energy
measure,

W, = —eNU,—W,, = (1-80)eNU,, (23

which can be abtained from (22) by multiplying by the
environmental temperature. Information energy W, is
contained, e.g., in the food of living organisms. Infor-
mation | can be lost and the information energy can be
released when the structure breaks. Such an energy
release accompanied by the formation of molecular
chaos occurs, e.g., in the course of organic substance
burning.

Information | is an extensive quantity, characteriz-
ing asystem as amacroscopic object. At the sametime,
it contains an intensive (local) component,

| = 1-0, (24)

which characterizes specific features of the structure at
the microlevel.

Thermodynamic chaos isthe simplest state of asys-
tem, since it can be completely described by the only
intensive parameter, temperature. Any deviation from
this state rai ses the complexity of the system, and addi-
tiona parameters have to be introduced for its descrip-
tion. The complexity of one object, X, relative to that of
another object, Y, is called conditional complexity
K(X/Y)—the term introduced by Kolmogorov [28].
From (24), it followsthat the conditional complexity of
a system can be measured with the parameter

K(xly) =1 = (1-80), (25)

which characterizes the structure of the system at the
microscopic level. Complexity K(x/y) isindependent of
the dimension of the system; therefore, it isnot surpris-
ing that the human genome and the genome of a tiny
nematode are comparable in complexity. From (25), it
follows that the Kolmogorov conditional complexity is
athermodynamic information of the system that is con-
tained in the system itself.

Numerical values of al the parameters discussed
above are listed in the table.

Judging by the value (1 —6¢) = 0, the least complex
systemsareaVD for which—U, < KT, and alow-field
GD. The most complex system, i.e., that requiring the
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Table
VD
’ MD MD GD
Param- |-eU, << KT D, ! ' L
' o _ regular |turbulent| domain
eter IO\A(/BgeId eU, > KT, mode | mode | mode
0 1 <05 0.4 1 1
13 1 1 0.033 | 0.14 0.2
6§ 1 <05 0013 | 0.14 0.2
1-6¢ 0 <05 0.987 | 0.86 0.8

largest number of phenomenological parametersfor its
description, is an MD operating in the regular mode,
(1—06Q) =0.987. Theturbulent regimeis less complex:
(1 —6¢) = 0.86. Indeed [16, 21], only two parameters
are necessary for its description: temperature T, and
average number N, of particles per coherent “frag-
ment.”

Thus, the starting point for measuring the degree of
ordering in a system is the state of thermodynamic
chaos, which is quantitatively measured in terms of the
entropy of the standard state (see (20)). Thermody-
namic information (aswell as complexity) isameasure
of deviation of a system’s particular steady state from
thermodynamic chaos.

PRINCIPLES OF SELF-ORGANIZATION

Let usturn to formula (23). Given N and U, energy
W, is determined by energy W,,. According to the prin-
ciple of minimization of integral Lagrangean [14], the
self-organization of particlesin open systemsisaccom-
panied by a decrease in energy W,,. In the steady state,
W,, reaches a minimal value. According to (18), the
entropy of the steady state also reaches a minimum. In
this case, information | is maximal, as follows from
(23) and (22). Thus, the principle of Lagrangean mini-
mization implies that a system tends to the steady state,
which has a minimal entropy and a maximal informa
tion and complexity.

Having introduced quantities KInR, and KInR,
where K is a constant and R, and R, are equiprobable
samplings in the initial and fina states, Haken [29]
writesthe information in the form | = KInR, - KInR; =
KInR and, using an al phabet containing alarge number
of symbols, passes to the information entropy

M
i = —KZp,—Inp,—, ij =1
j j

in Shannon’s formulation (up to coefficient K). Then,
he shows that, in a many-particle physical system, the
value of i reaches a maximum in the steady state. If K
is the Boltzmann constant, the maximum of the Haken
information entropy corresponds to the maximum of
thermodynamic information (22) and to the maximum
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of Brillouin bound information I ,;. These three maxima
refer to that state of the system inwhich energy W,, and
entropy S, reach maximal values. Thus, the principles
of self-organization of matter mentioned above are con-
sistent with each other. In states close to thermody-
namic equilibrium, we have 8¢ 01, W,, OW,, and S; =

S OA,SOAS. Since W, is the dissipated energy and
A;Sisthe production of entropy, minimization of these
two quantities means fulfillment of the Onsager princi-
ple of least dissipated energy and the Prigogine entropy
production minimum principle.

CONCLUSIONS

The description of steady-state regimes that are far
from thermodynamic equilibrium requires two energy
relationships to be invoked. The law of conservation of
total internal energy (see (1)) defines the shape, vol-
ume, internal structure, and performance of a system,
aswell asits steady state entropy and complexity. The
law of conservation of energy (see (6)) defines the rate
of energy, matter, and entropy exchange between the
system and the environment.

The steady states of open systems lie between two
extreme cases. One of them is thermodynamic chaos,
which is described by the probability law, the Max-
wellian distribution. In this state, the entropy of the sys-
tem is maximal, whereas the information and complex-
ity are zero. The other is a perfectly ordered state,
which is completely described by deterministic laws.
Here, the entropy is zero, whereas the information and
complexity are maximal. Thermodynamic chaos is the
simplest state, which is most frequently encountered in
nature. Therefore, any process describable by deter-
ministic functions is “perceived” by nature as an
unusual event that carriesinformation about something
other than from thermodynamic chaos.

Absolute order in an open system is an idealization,
becauseit isimpossibleto reach the state that is charac-
terized by W,, = 0 and 8¢ = 0. The inaccessibility of
absolute order meansthat acompl ete and exact descrip-
tion of an open system is basically impossible. It has
been mentioned above that W,, coversthe random com-
ponents of particle motion and characterizes the energy
of “exchange processes.” Thus, we cannot gain insight
into exchange processes so much deep that all elemen-
tary events involving individual particles be exactly
known. The Maxwell demon aone could observe al
these events simultaneously. However, to do this would
require a light source with an energy greater than the
energy of the system [27]. Such a severe intervention to
the system would drastically alter it. It only remainsfor
us to invoke probabilistic methods for comprehensive
description of elementary processes.
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(1) Thefirst sentence after formula (2) should read:
“Here, n(t) isthe particle number density ... and L(t) is
the mean val ue of the Lagrangean of the particles occu-
pying elementary volume dV.”

(2) The first sentence after formula (5) should read:
“The obtained result ... (reduction): the system of
material particles ... with aminimal kinetic energy.”

(3) Section 4 “Gunn Diode,” subsection “ Self-orga
nization.” The third sentence in the first paragraph
should read: “The kinetic energy

WkS =...
of the collective structure (domain), as well asits total
energy,

Ws = ...,
are not dissipated during drift, since ... "
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Abstract—A new approach to surface profiling of structural materials that evolves from the concept of fractal
signatureis put forward. This approach has been devel oped and advantageously applied for acquisition of low-
contrast targets. It is based on the fractal theory, and fractal signatures and fractal dimensions (which are inti-
mately related to both the object’s topology and evolutionary processes in dynamic systems) are used as esti-
mating parameters. The experimental data obtained prove the existence of fractal clusters on the processed sur-
face microrelief. Quantitative characterization of these clustersis given. © 2005 Pleiades Publishing, Inc.

INTRODUCTION

Reliable and long-term functioning of aproduct to a
great extent depends on the surface condition. Surface
quality control is therefore a key problem in materials
science. It is common knowledge that surface proper-
ties, such as corrosion and wear resistance, as well as
tribological and reflection properties, have a dramatic
impact on the performance of a product as awhole and
of its parts[1].

Although this postulate has been long known and is
beyond question, surface conditioning, specifically,
roughness control, iSnow assuming an even greater sig-
nificancein light of emerging material processing tech-
nologies. Nanotechnology, where roughness is consid-
ered as an inherent property of a structure, and not as a
“response” (secondary characteristic) of the surface
layer structure to an external physical action (e.g., cut-
ting), is a most vivid example, since the thickness of
nanometer layers is comparable to the electron free
path in this case.

The surface quality is routinely characterized by
roughness (specifically, average roughness R,, peak-to-
peak height R, average roughness asperity spacing
S, €tc.) and the physicomechanical properties of the
surface layer [1]. Surface roughness is considered as a
static object arising as aresponse to some action (phys-
ical processing). In other words, roughness may be
viewed as the trace of atool on a surface being pro-
cessed that is represented by geometrical images.
globes, cones, cylinders, and so on. The roughness
valueis estimated indirectly through the parameters of
processing (influencing factors). In machining, these
are cutting rate, depth of cut, and others.

Evidently, it is impossible to reliably predict the
behavior of a given surface during use if appropriate
techniques that characterize its topography and esti-
mate the geometrical characteristics adequately
describing the surface profile formation are lacking.
Estimates of this kind are of particular value in fore-
casting the behavior of sophisticated systems(i.e., mis-
siles or space vehicles) where operating reliability and
safety are critical issues.

In view of the aforesaid, it is necessary to work up
alternative approaches to estimating the surface rough-
ness (at |east for acertain group of surfaces). An avenue
for tackling this problem may be found in the fractal
theory: specificaly, fractal (fractional) dimension D
and fractal signatures may be taken as estimating
parameters [2]. This work is aimed at checking this
assumption. It is hoped that such an approach could
make it possible to uniquely estimate surface rough-
ness.

CATEGORIZATION OF RELIEF FEATURES
ON SURFACES PROCESSED BY MODERN
TECHNIQUES

Extensive application of surface processing tech-
nigues using concentrated energy fluxes (laser, plasma,
and electroerosion techniques) and advances in nano-
technology (chemical assembling, sol-gel methods,
CVD of metals, atomic layer epitaxy, etc.) make
description and estimation of roughness by means of
profilometry difficult. Roughnessfeatures and their dis-
tribution over a surface thus processed are far from
being a periodic sequence of “valeys’ and “peaks’
describable in terms of Euclidean geometry (Table 1)

1063-7842/05/5005-0560$26.00 © 2005 Pleiades Publishing, Inc.
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[1]—a wide-spread belief related to machining. When
the material is exposed to intense energy fluxes; high
pressure; fast-moving gaseous media; or acombination
of mechanical, ultrasonic, etc., vibrations, roughness
features take the “strange” shapes of mushrooms,
ridges, grapes, splats, whiskers, etc. [1, 3, 4]. The dis-
tribution of these features over the surface is irregular
and has different probability densities.

These features are difficult, if at all possible, to
describe in terms of classical geometrical parameters,
and the surface topography cannot be adequately
described by the Abbot—Firestone reference curve [3].
It isworth noting here that the idealized fractal surface
assumes roughness features of any scale. A model
where the feature height is assumed to be fractal inevi-
tably becomes nondifferentiable (such notions as the
normal to the scattered wave front and the ray path, as
well as various effects of geometrical optics, are thus
excluded from consideration), and a model where the
feature slope is fractal alows for only the first deriva-
tive. Slopes, curvatures, and distributions of extrema
are not therefore critica surface parameters for the
fractal relief, as has been usually believed (for details,
see [2)]).

New technologies where an entire surface being
processed is exposed to an external action (group sur-
face-conditioning techniques) generate clusters, the
evolution of which was outlined in [5]. Specific fea-
tures of the new processes dictate the need for revising
the avail able approaches to predicting the properties of
clusters and parametrically characterizing them.

PROCESSES IN MATERIALS SCIENCE
AND RADAR AS EXAMPLES
OF THE SYNERGETIC PARADIGM
OF OPEN PHY SICOTECHNICAL SYSTEMS

The fracta theory is being advantageously used in
materials science to obtain materialswith tail ored prop-
erties[6, 7]. Thistheory is naturally related to the con-
cept of synergetics as self-organization of structures.
The fractal theory may be viewed as a basis for quanti-
tative description of dissipative structures forming
under highly nonequilibrium conditions. Elaborating
upon such an idea, researchers at the Institute of Metal-
lurgy and Materials Science, Russian Academy of Sci-
ences, have formulated a new branch of materials sci-
ence, fractal materials science [6, 7]. Now, it becomes
possible to establish a correlation between the compo-
sition, fractal structure, and properties of a material,
which is of great importance in surface conditioning,
e.g., in nanotechnology, whereit isimpossibleto distin-
guish between the bulk and surface structures of the
material.

If by a dynamic system (DS) is meant an object or
process the state or a set of parameters of which is
uniquely defined at a given time and a determinate evo-
lution operator is specified, such a concept of dynamic
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system may be extended to objects of any nature. The
DS properties are defined by invariants, such as
Lyapunov indices, fractal dimension of the strange
attractor, and entropy. Knowing these invariants, one
can determine the number of independent variables and
find afinite dimension of a phenomenon. After transients
have faded out, the phase space of the system contains a
limiting set of points that attract phase trgjectories (the
so-called attractor). The existence of the attractor is
associated with a contraction of the DS space volume
under the action of the evolution operator.

The attracting set in the DS phase space with aperi-
odic steady-state oscillations has been caled the
strange attractor [8]. The strange attractor always has
fractal (fractional) dimension D. An important feature
of chaotic motion is that initialy it is extremely sensi-
tive to small changes. This means that closely spaced
trajectories in the phase space diverge exponentialy in
time. Quantitatively, the rate of divergence is given in
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terms of the Lyapunov indices, which exhaustively
characterize the complex chaotic behavior and struc-
ture of the attractor in the DS phase space. Of most sig-
nificance is Lyapunov index A;, the positiveness of
which indicates chaos present in aDS. Remarkably, the
geometry and dynamics of the strange attractor areinti-
mately related: the Lyapunov indices describe the
geometry of the attractor, and the values of the indices
can be estimated by measuring fractal dimension D.

The basic method of research in metallurgy, materi-
als science, and materials processing remains to be the
thermodynamic method, which allows scientiststo pre-
dict the general behavior of a system irrespective of
mechanisms behind processes involved. When in ther-
modynamic equilibrium, a system meets the conditions

S(U,V,n) = max; dS =0, (D)

where U istheinternal energy, Sisthe entropy, Visthe
volume, and n; is the number of moles of components
i=12..).

From (1), it follows that thermodynamic equilib-
rium corresponds to a maximal degree of disorder and
the impetus to equilibrium processes is the tendency of
the system to minimize its free energy. However, the
surrounding world is a rigid hierarchical system. This
comes into conflict with the second principle of ther-
modynamics, which states that the system’s entropy
rises with time. This contradiction was removed with
the evolution of the idea of synergetics. The term “syn-
ergetics’ covers such areas as the theory of self-organi-
zation (or the theory of dissipative systems), theory of
open systems, theory of nonequilibrium systems, infor-
mation dynamics, dynamic theory of shaping, etc. Syn-
ergetics relies on the principles of (i) minimal entropy
production, (ii) current and local equilibrium,
(iif) mosaic nonequilibrium thermodynamics, (iv) least
constraint, (v) subordination, and (vi) “nonequilibrium
asasource of order” (see, eq., [7, 9-14]).

These principles may be extended to both living and
inorganic nature. The simplest evolutionary equation
has the form

q = ag, )

where ¢ istherate of production of asubstance, gisits
concentration, and a is the order parameter.

Synergetic systems are stochastic: their time evolu-
tion (behavior) cannot be predicted with an absolute
accuracy. Therefore, EQ. (2) must be augmented by
term f(t) taking into account force fluctuations,

q = aq+ f(t). (3)

Surface roughness associated with physicochemical
methods of processing differs from roughness due to
cutting. In the latter case, it is the trace of atool on the
surface, which is sequentially “swept” in space and
time. In the case of physicochemical methods, the
working medium itself (liquid, metal vapors, and so on)
serves as a tool. The components of the working

POTAPOV et al.

medium, which are activated by high temperature, high
pressure, or fields of various type, intensely interact
with the entire surface amost simultaneously at each
point of their location in the working space. This gen-
erates the so-called effect of group action on the sur-
face. Thus, the surface processed by physicochemical
methodsis the result of action of aset of variously acti-
vated elementary processes and can be viewed asasyn-
ergetic system.

Let us now turn to radiophysics, the area of physics
dealing with waves and oscillations in a wide electro-
magnetic range. Radiophysics has given rise to a num-
ber of fields of engineering, radar among them. Exten-
sive research is how under way worldwide aimed at
making objects radioparent using advanced materials
offering an extremely low reflection coefficient in the rf
range (so-caled Stealth technology). According to
[15],in 1980, the F-15 fighter had aradar contact (o) of
about 10 m?; subsequently, o was decreased to 1.0—
1.5 m?. For comparison, F-22 and JSF fifth-generation
supersonic fighters have o on the order of 0.3 m?. In
light of these advances, radar approaches need to be
updated. Standard filtering methods are appropriate if
arriving radar signals are poisoned by Gaussian noise
alone. Actually, however, noise is ailmost always non-
Gaussian with extended tails and may have a high
intensity in different spectral ranges. Therefore, under
real conditions, the use of classical filtering algorithms

may be infeasible at low signal-to-noise ratio qé .

Present-day radar systems combined with aprobing
channel should be viewed as complex nonequilibrium
systems open to energy, entropy, and information
fluxes. Elaborating upon thisidea, scientists at the Insti-
tute of Radio Engineering and Electronics, Russian
Academy of Sciences, formulated new information
technologies as applied to radiophysics and radar.
These fresh insights are based on using texture (mid-
1980s) and fractal (mid-1990s) dimensions starting
from the DS principles (see above). In essence, a new
avenue of research has emerged: application of the DS
theory and fractal topology for increasing the informa-
tion content of radio engineering systems. From the
results of these pioneering investigations, the notions of
texture and fractal signatures were introduced and this
line of inquire was briefly named “fractal radar” and
“fractal radiophysics’ [2].

Diagram 1 shows the basic problems involved in
these investigations and the years the associated works
began. Generally, any radio system, together with a
medium of radio wave propagation and objects being
probed, is natural to consider as open DSs with strange
attractors and bifurcation points, which define the pat-
tern of radiophysical processes occurring in such a
space-time continuum. Radiophysical phenomena are
best to treat in terms of nonlinear dynamics and fractal
topology and considered astaking place in adissipative
environment open to information fluxes. Below, wewill
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discuss the basic notions of fractal analysis as applied
to radar.

ON THE NOTION OF FRACTAL
IN RADIOPHY SICS AND RADAR

In general form, a radar image (RI) can be repre-
sented as set X, of pelswhose values are proportional to
the effective scattering area (ESA) of a kth resolving
element of the radar station. Figure 1lademonstratesthe
RI of alocality taken by a helicopter-borne radar at a
wavelength of 8.6 mm. Figure 1b shows the RI of the
same locality taken at a wavelength of 30 cm. Both
images are two-dimensional, the gray intensity being
proportional to the ESA. Suppose that surfaces
(Fig. 1c) with feature heights h proportional to the gray
intensity are constructed for either Rl and the surface
area is to be measured. On the RI taken at 30 cm, the
surface area will be larger, since the number of distin-
guishable locality features increases with decreasing
wavelength. Here, the probing electromagnetic wave
serves asasort of “ruler.” Asthe wavelength decreases,
aprogressively finer structure of space-time signals, or
wave fields, beginsto emerge.

If the RI at hand were obtained in astill shorter wave
range, the surface area would grow still further; i.e.,
decreasing the wavelength, we increase the surface
area. The obvious question arises: what is the true sur-
face area of the locality imaged? If the surface were
covered by objects of simple shape (for example, by
rectangular hills; Fig. 1d) and their size far exceeded
the wavelength, the surface areas on the RIs of the
objects would be nearly the same. Then, we could
answer this question, having calculated the number of
resolving elements covering the objects. In this case,
surface area Swould be expressed as

S=S(A) = N(A)S(N), (4)

where d(A) is the area of a resolving element of the
radar, N(A) is the number of resolving elements cover-
ing the object, and A is the radar wavelength. It was
noted above that SA) = const for a simple-shape object
(Fig. 1d).

For the images in Figs. 1a and 1b, the dependence
S(A\) =f(A\) can be constructed by putting d(A) = K(A),
where K isaknown function, and then constructing the
dependence S(A\) = f(d). It turns out that measured sur-
face area Sisfitted well by the formula

S(A) = kA", (5)

Since log( S(A)) = logk —DlogA (kand D are con-
stants), we can calculate parameter D. The dependence
logS(A) = f(logd), which defines the fractal signature
of an RI (Figs. 1laand 1b), isshown in Fig. 1e. It char-
acterizes the gpatial fractal cepstrum of an RI (the
notion of fractal cepstrum was introduced in 1997 [2]).
Fractional parameter D is called the Hausdorff—Bezik-
ovich, or fractal, dimension. On the RIs of objects with
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Fractals in radar

Fractal and texture signatures,
1987

Scattering of waves by fractal surface,

Low-contrast target detection
(textures + fractals), 1987 + 1997

Target contour recognition
(textures + fractals), 1987 + 1997

Locality image synthesis, 1996

Image clustering, 1997

Deterministic-chaos-based dynamic
models of wave scattering, 1997

Fractal coding of radar information,
1988

Selective and absorbing fractal
materials, 2003

Fractal antenna design, 2000

.2

Diagram 1. Advancesin information technol ogy.

a simple geometry (rectangles, circles, and smooth
curves), this dimension coincides with the topological
one (i.e., equals two for two-dimensional RIs) and is
specified by the dlope of straight lines (5) in thelog-og
coordinates. However, for most RIs taken from real
mantles and meteoric objects, the value of D exceeds a
topological dimension of two, highlighting their com-
plicated and irregular structure.

The fractal theory, dealing with geometry and the
theory of dimension, isintimately related to the theory
of dynamic chaos. It considers quantitative indices,
such as fractional, instead of integer, dimension D and
fractal signatures. Fractal fractional dimensions and
signatures not only characterize the object’s topology
but also, being related to their properties of dynamic
systems, reflect their evolution. The geometry of chaos
is representable in terms of the fractal theory and non-
linearity. It appears, however, that fractals are the lan-
guage not only of chaos but also of the nature. The con-
tours of al natural objects are essentially dynamic pro-
cesses combining stability and chaos that have
suddenly “congealed” in their physical forms. In
nature, ordering and disordering are basic interrelated
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Fig. 1. (a—d) Examplesillustrating the essence of fractal processing of images and (€) spatial fractal cepstrum of the RI.

trends, especially as far as DS evolution is concerned.
Bifurcation is associated with catastrophic variations or
conflicts. Nonlinearity may suddenly and unpredictably
change the course of processes. Between bifurcation
points, an open system obeys deterministic laws; near
them, the behavior of the system is governed only by
fluctuations. Therefore, the effect of fluctuations in the
vicinity of bifurcation points is significant. Chaotic pro-
cesses beginning at the microlevel may “fly up” to the
meacrolevel and influence the entire system. The ability of
an open system to endure under determinate chaos favors
information processes irrespective of initia conditions.
This statement appliesto any engineering, ecological, bio-
logic, economic, and social open system [16].

Thefractal-texturerelationisabasic point in fractal
geometry. The relevant results are summarized else-
where (seg, 9., [2, 17-34] and Refs. therein). Diagram 2
[27] categorizes mathematical and physical fractals

encountered in radar and radiophysical applications. To
complete the discussion, it is appropriate to mention
definitions also introduced in [27]. In formalized math-
ematical terms, the fractal isafunctional map (or a set)
that resultsfrom an infinite recursive process. The prop-
erties of the fractal are as follows: (i) self-similarity or
invariance under scale (unlimited scaling), which
means that fractals are, on average, the same on small
and large scales; (ii) fractional (Hausdorff) dimension,
which is strictly larger than the topological dimension;
and (iii) nondifferentiability (hence, fractional deriva-
tives and integrals). Physically, afractal is defined as a
highly irregular geometrical object (aline or the surface
of abody) that possesses the property of self-similarity
on alimited scale. Note also that D, usually designates
the topological dimension of the space where a fractal
of dimension D is considered.
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Table 2. Classification of physicochemical processing methods

ClassA

ClassB

ClassC

Electroerosion dimensional processing

Laser processing

Electron-beam processing

Ultrasonic processing

Electrochemica dimensional processing

Plasma evaporation

Microarc oxidation

Plasma cutting
(hardening)

High-frequency mechanical processing
Combined methods
Laser scribing

lon implantation

Liquid-phase (chemical and electro-
chemical) metallization
Metallization by liquid metal spraying

Physical condensation

Electroerosion synthesis of coatings

Gas-flame hardening
Laser-, ion-, and electron-beam hardening

Chemical assembling

Sol—gel processes
Atomic layer epitaxy
CVD processes

Chemical synthesis combined with
various physical processes
Laser processing of films

Free-abrasive processing in special media

THERMODYNAMIC NONEQUILIBRIUM
OF SURFACE PROCESSING AND FRACTALITY
OF SURFACES PROCESSED

A better insight into the process of surfacerelief for-
mation (specifically, into a roughening mechanism)
that is described in terms of fractal analysis may be
gained through considering advanced surface process-
ing techniques. They differ widely in ultimate goalsand
underlying physical mechanisms. This is not surpris-
ing: the rapidly burgeoning machine and instrument
building industries are now producing sophisticated
intricate small-size mechanisms and devices with
severe requirements placed upon the surface layer
properties and reliability.

In terms of plausible surface roughening mecha-
nisms, the variety of physicochemical processing meth-
ods may be subdivided into three basic classes (depend-
ing on the aim of application; see Table 2): class A,
methods that condition the surface by removing surface
layers of the material with its bulk remaining intact;
group B, those that apply (deposit) another material on
the surface with subsequent diffusion of the coating
material into surface layers, which modifiesthe surface
properties (the bulk of the host material remains
unchanged); and class C, methods with which struc-
tures are formed that may serve both as a matrix (host
material) and as a surface (owing to ultrasmall sizes of
these structures, as in nanotechnology).

Considering the physics of the methods belonging
to class A and class B allows us to infer that many of
them (electroerosion, electron-beam, and laser process-
ings; microarc oxidation; and gas-flame, laser, ion, etc.,
hardenings) share a number of processes. Among them
are plasma processes; that is, generation and loss of
charged particles in a definite space region that consti-
tuteacharge-carrier gas. Strictly speaking, the very fact
that a plasmais confined in space entails its thermody-
namic nonequilibrium [35]. The nonequilibrium of a
plasma shows up in dissipative (collision or collision-
2005
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free) wave processes, such as absorption of waves by
charge carriers with subsequent decay of the waves.

Along with the nonlinear wave phenomena men-
tioned above, plasmas contain other regular nonlinear
waves, solitons. Sometimes, solitons are arranged into
structures in plasmas and we may speak of self-organi-
zation of nonlinear waves (Synergetics); sometimes,
soliton chaos may be observed. The casein point isthus
dynamic processes causing the formation of dissipative
and self-organizing structures (both in the bulk and

Fractals
Mathematical 7 Physical
Infinite number Finite number
of iterations -~

n - of iterations

Fractional Hausdorff
dimension
D =D,

Fractional Hausdorff
dimension o
D > D,

Finite number of
scales, self-similarity

Infinite number of
scales, self-similarity

(scaling) (scaling)
. .. Piecewise
Fractional derivatives . .
. - differentiable
and integrals .
functions

Diagram 2. Categorization and structure of fractal sets(sig-
natures).
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directly on the surface), which show up as “unusual”
features on the surface (Table 1).

The processes attendant to continuous-wave laser
processing are characterized by alow-threshold optical
breakdown (lasting 1078 s) in the zone being processed,
which generates a plasma cloud (for a time of 10—
107°5) [36]. Interaction between the material and heat
fluxes with a density of 10°-10° W/m? in the active
(N5, CO,, H,, CO, or CH,) or inert (Ar, He, or Xe)
environment leads to the formation of a heat source on
the surface, which contributes to the specific morphol-
ogy due to various instabilities.

Under pulsed laser processing (the pulse width on
the order of 10°-107 s), the material experiences both
thermal and dynamic breakdown when subjected to a
thermal shock lasting from 109to 107 s[37]. A set of
breakdown centers arising during the dynamic break-
down may be considered as afractal cluster [38]. It was
noted that the pul sed heating loads the material dynam-
ically: the one-site mechanism of failure changes grad-
ually to the typical multisite mechanism. The kinetics
of dynamic failure may be viewed as being governed by
the process of failure center concentration at different
scale levels (this process being of percolation nature).

The essence of electroerosion is the breakdown of
an insulating medium in an applied electric field for a
time of 108107 s followed by the avalanche-like
growth of the number of charge carriers (the formation
of aplasma) [39]. This processis aso synergetic, since
it combines avariety of concurrent dynamic processes.
These are (i) bombardment of the surface by charged

particles (W and W), (i) gaskinetic (thermal)
bombardment by the particles constituting the dis-
charge channel (W? and W), (iii) deceleration of
the torches of the vapors arriving at the anode from
cathode and vice versa (WS and W), (iv) thermal

radiation (W and W | and (v) the action of the vol-
ume heat source (W.” and W”); that is,

W, = WE?+ W+ WP+ WP+ W,
W, = W+ W+ WEP + Wi+ W,

where W is the energy of the related process.

In the case of laser hardening of aloys[40], it was
found that concentrated radiation fluxesincident on the
surface may initiate either fluctuation (disordered)
nucleation and growth of a new phase (indicating that
the process is chaotic) or a cooperative (ordered) shift
of atoms by asmall distance. The latter process may be
associated with self-organization, which is consistent
with the idea of synergetics in materials science.

It is known that electrode processes in electrolytes
are responsible for material removal in dimensional
electrochemical processing. These processes, which

(6)
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cause al the changes on the metal surface when its
potential is nonequilibrium, may be viewed as ordinary
heterogeneous chemical reactions initiated at the lig-
uid-solid interface by a potentia difference between
the electrodes [41]. Anodic dissolution is a multistage
process including the concurrent processes of the for-
mation of the double electric layer (within the dense
part of which electrochemical reactions proceed), sup-
ply and removal of reacting particles through the dif-
fuse part of the double layer, and formation of new sub-
stances (reaction products).

When the current passes through an el ectrochemical
system, electrode potentials ¢, and ¢. become offset
from their equilibrium val ues (the phenomenon of elec-
trode polarization) by A¢. Essentially, the polarization
means that the electrochemical process is irreversible.
It may proceed at areasonable rate only if the polariza-
tion (overpotential) is high, i.e., when the total current
is roughly equal to the current of the dominating pro-
cess. Then, the potential shift (concentration overpoten-
tia) is given by the Tafel equation

-A¢ = a+blInd,, (7)

where a and b are constants and J, is the cathode cur-
rent.

The fractality of the steel corrosion kinetics was
observed in [42], where the corrosion of structural
materias in sodium was studied. It was found that the
dissolution of afilm coating the metal proceeds viathe
coalescence of individua corrosion pits. Remarkably,
the extension of the corrosion area does not change the
fractality of the boundary of corrosion pit traces. The
empirical expression for the corrosion zone circumfer-
ence appears as

L()=1"", (8)

where D = 1.20 is the fractal dimension of the circum-
ference.

Considering the processes involved in dimensional
electrochemical processing from the synergetic stand-
point, we note that they all are dynamic, obey the prin-
ciple of current and local equilibrium and the principle
of mosaic nonequilibrium thermodynamics, and corre-
late well with evolutionary equation (2).

As for CVD processes (including metallorganic
CVD (MOCVD) and others), aswell asthose attendant
to ion bombardment of the solid surface, it was found
[4, 43] that they typically result in the formation of
cones, facets, and/or layered columnar structures on the
surface and also favor the growth of large crystals and
needle crystals (whiskers). Such features of the relief
are attributed to the nonlinear kinetics under highly
nonequilibrium conditions (for example, when thetem-
perature varies from 150 to 1000°C, which istypical of
CVD processes). Lattice imperfections in the materia
make a significant contribution to the formation of
these features, since the imperfections influence the
density of the features and the uniformity of their dis-
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Fig. 2. SPM (3D) images of the surfaces (a—e, g, h, i) subjected to microarc oxidation (regimes 1, 2, 15, 12,5, 9, and 7, respectively),
(f, k, 1) coated by means of erosion synthesis (regimes 1, 3, and 5, respectively), (m) subjected to diamond grinding, and (n) sub-

jected to diamond turning followed by electrochemical etching.

tribution over the area being processed. In addition,
they have an effect on the onset of dissolution and dep-
osition [45].

Next, it was found [44] that CVD is a multistage
process including mass-and-heat transfer, adsorption
and desorption, the reaction of decomposition of metal-
lorganic compounds, formation of the solid phase, and
crystallization. The shape of surface features depends
on whether thermodynamically stable or unstable con-
ditions prevail.

Thus, most of the processes involved in physico-
chemical processing are consistent with the principles
of synergetics and can be referred to so-called nonequi-
librium techniques. Processes of such akind cause, asa
rule, the formation of dissipative structures, which
require that the energy (electrical, thermal, or light) be

TECHNICAL PHYSICS  Vol. 50
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constantly delivered from the outside. The energy can
be delivered by special devices, such as power supplies,
electron guns, pump systems, etc. Thus, highly non-
equilibrium processes should be described in terms of
the fractal theory; specifically, the surface roughness
should be quantitatively characterized by introducing
fractal (fractional) dimension D or fractal signatures.

The roughening mechanisms involved in the pro-
cesses mentioned above differ radically from those
encountered in cutting. The physicochemical processes
imply application of various fields (electromagnetic,
thermal, and others), as well as high temperatures and
pressures, which simultaneously act on the surfacein a
complicated manner. The methods used in these pro-
cesses can be classed as methods of group action: con-
ditioning of the surface starts almost instantly and
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Fig. 2. (Contd.)

simultaneously at many “seeding” sites chaotically dis-
tributed over the surface.

For the surface relief, both the environment and the
inner material structure are responsible. The environ-
ment may be electrolyte solutions, insulating media,
inert and chemically active gases, metal vapors, etc.
External parameters are the temperature, flow velocity
of the electrolyte, pressure, and applied fields. As was
noted above, |attice imperfections in the material influ-
ence the surface relief formation. According to the the-
ory of fractal materials science [6], lattice imperfec-
tions both in the volume and on the surface are due to
the mechanisms of self-organization of dissipative
structures, which are spontaneously reconfigured near
bifurcation points and are attributed to the fractal prop-
erties of the material. These mechanisms cause both
microdefects (vacancies, dislocations, dlip bands, grain
boundaries, and atomic clusters) and macrodefects
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Table 3. Fractal dimensions D and D of the surfaces pro-

cessed
. Fractal | Fractal | Vari-
Processing Rer%me dimen- | dimen- | ance

* | sonD |sionDg| 32

Diamond grinding 5 2117 | 1.985 | 0.024
8 2.288 | 2.022 | 0.026
Microarc oxidation 1 2.102 | 2.065 | 0.029
2 2279 | 2179 | 0.072
16 2420 | 2.215 | 0.070
23 2.392 | 2.157 | 0.075
Electroerosion syn- 1 2445 | 2237 | 0.077
thesis of coatings 2 | 2303 | 2179 | 0.032
10 2536 | 2.136 | 0.498
Diamond turning 1 2085 | 1.971 | 0.025
followed by electro- 4 | 2097 | 1978 | 0.038
chemical etching 8 | 2174 | 2132 | 0078
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(mosaic blocks and dislocation ensembles) that were
generated at previous stages of processing (casting,
rolling, annealing, etc.) to emerge on the surface. The
defects emerging on the surface specify the formation
of the above-mentioned surface features at further pro-
cessing. For example, the nucleation of atomic and/or
molecular clusters that then coal esce to form a contin-
uous coating and dissolution (pitting) start at sites ener-
getically more favorable for interaction with the work-
ing medium under processing conditions.

As processing goes on, the fractal properties of the
material and processing medium (e.g., electromagnetic
fields) superposeto form the final surface relief, specif-
icaly, the roughness. Under these conditions, the sur-
face should be considered as an expanding stochastic
cluster system offering the property of self-similarity
(scaling).

EXPERIMENTAL INVESTIGATION
OF THE SURFACE FRACTALITY

To verify the approach suggested, we studied the
surfaces of AK-12M and AD-16 alloysand 45 steel pro-
cessed by diamond grinding, microarc oxidation, elec-
troerosion synthesis (hardening), and diamond turning
with subseguent electrochemical etching.

Prior to processing, the surfaces were examined
under a scanning probing microscope (NT-MDT Co.,
Zelenograd, Moscow). The images of the surfaces are
represented in Fig. 2 in the 512 x 655 x 256 bmp for-
mat.

Fractal dimension D and the fractal signatures (frac-
tal cepstrum) of the surfaces were measured with a
technique developed at the Ingtitute of Radio Electron-
ics and Electronics, Russian Academy of Sciences [2,
17-34]. Original techniques for measuring the fractal
dimension and fractal signatures of multidimensional

Fig. 3. Fractal analysis of the surfaces subjected to (a) diamond turning, (d) diamond turning followed by etching, and (g) diamond
turning followed by oxidation; (b, e, h) fractal signatures of the surface images (fractal cepstrum); and (c, f, i) field (on the left) and
experimental distribution of local fractal dimensions D (on the right).
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stochastic signals are comprehensively discussed in
[27, 34]. The experimental data are presented in Figs. 3
and 4. Some of the results were reported in [46]. The
fractal signatures (Figs. 3b, 3e, 3h, 4b, 4e, and 4h) show
the mean value of D and its rms deviation o. Setting
desired range AD of local fractal dimensions in the
clustering mode, we see afield of fractal dimensionson
the monitor where al D; O AD are shown black.

When implemented in software, the techniques for
measuring fractal characteristics display experimental
distributions of local fractal dimensions directly on the
monitor Figs. 3c, 3f, 3i, 4c, 4f, 4i). The color of each
point on the sample image is in proportion to D;. Mea
surements are represented in a wide palette of pseudo-
colors. On the 2D images of the surface (the left-hand
side of Figs. 3c, 3f, 3i, 4c, 4f, 4i), the pseudocolors
mark all clusters with given D.

In the case of diamond turning (Fig. 3), experimen-
tal gspatial distributions of D aways have extended
“heavy” tails (Paretians) [2, 24, 26, 27, 29, 31, 33],
which indicates the hierarchic organization of the

microrelief. Subsequent procedures (etching or oxida
tion) considerably widen the range of average fractal
dimensions. Regime 2 of microarc oxidation (Figs. 4a—
4c) give D smaller than that in regime 7 (Figs. 4d-4f).
Diamond grinding gives a wider range of local fractal
dimensions, as clearly follows from the experimental

data (Figs. 4g-4i).

Thus, the numerical investigation of the surfaces
processed lets us argue that there are surface areas with
fractal properties. This statement is corroborated by the
fractal signatures and probability distributions with
heavy tails (Figs. 3 and 4), aswell as by fractional val-
ues of the dimension both on the images (D) and in the
spectrum (D) (see Table 3). It should be noted that the
fractal dimension of the image must satisfy the condi-
tionsD, D;=2[2, 34]. Vaues D, < 2 aredueto an algo-
rithmic inaccuracy and must be considered, in our case,
as afast approach of D, to the topological dimension of
the surface.

Fig. 4. Fractal analysis of the surfaces subjected to (a, d) microarc oxidation and (g) diamond grinding; (b, e, h) fractal signature of
the surface images (fractal cepstrum); and (c, f, i) field (on the left) and experimental distribution of local fractal dimensions D (on

theright).
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CONCLUSIONS

Based on experimental data obtained in earlier
experiments, auniversal and illustrative method of esti-
mating the surface quality using different fractal char-
acteristics is suggested. The existence of fractal areas
on the surfaces processed counts in favor of the idea
that the surface forms (at the micro-, mesa-, and mac-
rolevels) by the cluster mechanism, which is related to
dynamic nonequilibrium processes. Therefore, the
development of a fractal synergetic model of surface
relief (roughness) formation that takes into account
self-organization phenomena inherent in group pro-
cessing technigques seems to be of specia interest. The
surface roughness and surface layer should be consid-
ered as a single hierarchic fractal or multifractal sys-
tem. Such a model would make it possible not only to
predict but also to control roughening mechanisms and
physicomechanical properties of the surface layer. In
this work, only one approach to tackling the challeng-
ing problem (estimating the roughness of surfaces pro-
cessed by nonequilibrium techniques with the aim of
controlling the geometric parameters of the roughness
and providing desired operational performance of prod-
ucts) is suggested. Effective numerical methods of
measuring fractal characteristics (fractal signatures)
that weretried experimentally [2, 17-34] may find wide
application in physical, engineering, astronomical, bio-
logical, and medical research.
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Abstract—Computer-aided simulation of the electrohydrodynamic flow pattern in an asymmetric system of
electrodes (configured as* narrow depression under plane” or “blade above plane™) is carried out. The objective
of the simulation isto reveal a correspondence between the kinematic flow pattern and the distribution of driv-
ing (Coulomb) forces. The kinematic pattern of the flow simulated is compared with the results of experimental
data processing. Good agreement between the simulation results and experimental datais found. © 2005 Ple-

iades Publishing, Inc.

INTRODUCTION

The features of electrohydrodynamic flows have
been described at length in avariety of works (see, e.g.,
[1, 2]). Therange of existence of theseflowsisbounded
from below by athreshold voltage. At voltages dightly
exceeding the threshold, the flows are weakly devel-
oped; i.e., they are localized near the active electrode.
Then, as the applied voltage grows, a fully developed
electrohydrodynamic flow completely occupying the
electrode gap arises. In both developed and undevel-
oped regimes, the flow is usually of alaminar (parallel-
stream) character and is directed from the “wire”
(active) electrode to the plane (passive) one. Compara:
tive analysis of developed electrohydrodynamic flows
at various voltages has not reveal ed appreciable distinc-
tions in their pattern. The dependence of the average
velocity in the central stream on the voltage between
the electrodes is either a power-type function, v ~ UX
(k> 2), for the undeveloped flow or a linear function
(k= 1) for the developed flow. In [1], an analytically
convenient dimensionless form of the dependence V =
V(U) has been proposed, where average drift velocity
of ions V, = bU/l, (where b is the mobility of ions and
I, isthe electrode gap length) is taken as a unit of mea-
surement of the velocity. In this case, the voltage
dependence of the average velocity takes the form
Rey = VIV, = f(U). Quantity Re,, is usualy called the
electric Reynolds number. Function Re,, = f(U) has a
threshold, which is usualy higher than the voltage of
transition to the supraohmic part of the -V characteris-
tic. Inthe undevel oped flow, the electric Reynolds num-
ber grows very rapidly; in the developed flow, it is con-
Stant.

Recently, a procedure for computer-aided process-
ing of electrohydrodynamic flow observations has been
developed [3], allowing one to reconstruct the distribu-
tions of the velocities and accel erations in the electrode
gap. Such a processing visualizes the kinematic and
dynamic patterns of the flows. It has been noted [4, 5]
that the region occupied by an electrohydrodynamic
flow can be conditionally subdivided into several
Zones.

(2) Intheimmediate vicinity of the electrodes, there
is athin adherent layer of the quiescent liquid. Within
this layer, the liquid is structured.

(2) The zone near the active electrode where the lig-
uid is intensely accelerated by the electric field. The
length of this zone is 0.1-0.2 of the electrode gap. In
this zone, the velocity isolines concentrate and the
acceleration vectors are aligned with the flow direction
or are directed at an acute angle to the flow.

(3) The zone of smoothly varying flow (the so-called
central stream of electrohydrodynamic flow) or the par-
alel-stream part of the flow (the streamlines in this
zone are essentially straight lines paralel to each
other).

(4) The zone of flow stagnation, where the accelera-
tion vectors are directed oppositely to the flow.

(5) The layer of quiescent liquid in the immediate
vicinity of the surface of the passive electrode.

Studies of electrohydrodynamic flows under differ-
ent conditions have concerned mainly the sizes of and
flow patternsin those zones. Aswas aready mentioned,
the average electric Reynolds number in afully devel-
oped flow usually lies within 10-20; i.e., the ions out-
side the quiescent near-electrode zone are “frozen” into
theliquid. Therefore, there are good grounds to believe
that a charge injected from the surface of the wire elec-
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trode will be entrained by the flow into the electrode
gap and the charged liquid region will have the form of
a narrow strip between the electrodes. Certainly, the
charge distributions in the liquid may vary depending
on the flow conditions and the conductivity of the lig-
uid; however, thesevariationsareinsignificantinafully
developed flow.

The abjective of this paper is to establish a corre-
spondence between the space charge distribution in the
liquid and the kinematic pattern of the flow. To do this,
we carry out a computer-aided simulation using the
well-known software packages ANSY S and MatL ab.
When simulating el ectrohydrodynamic flows, one runs
into a number of difficulties. First, the distributed elec-
tric charge has an appreciable effect onthe electric field
distribution, which, in this case, has as yet unstudied
intriguing features and is of independent interest. Sec-
ond, electrohydrodynamic flows are caused by a vol-
ume electric force. In classical fluid dynamics, such
flows are poorly known.

For convenient comparison of data obtained in
numerical and full-scale experiments, the dimensions
of the model were taken to be comparable to the size of
the cell in which the experiments were carried out; for
the same reason, the liquid of choice istransformer oil.
We simul ated a steady-state el ectrohydrodynamic flow,
which is the most-studied experimentally. In this case,
all electric and kinematic characteristics of the flow
may be taken to be time-independent. A two-step com-
putational algorithm was applied. At the first step, a
hypothetical space charge distribution is specified and
the corresponding distributions of the electric field and
Coulomb forces are calculated. At the second step, the
electrohydrodynamic flow velocity field caused by the
calculated distribution of Coulomb forcesis computed.
The space charge distribution was set based on semi-
intuitive ideas regarding a possible flow pattern. Imme-
diately near the surface of the cylindrical electrode, the
space chargedistributionisset in theform of a0.1-mm-
thick ring coaxial with the electrode. This stagnant
near-el ectrode zone has been detected in experimental
studies of electrohydrodynamic flows. In addition, we
took into account the drift of the charge from the near-
electrode zone into the electrode gap. In this case, the
space charge distribution was set by afunction of form
poeXp{ a(y)x? —y/B} . Parameter a specifies the width of
the charged strip. Near the active electrode, the width of
the strip was set to be equal to the electrode diameter.
Varying parameter (3, one can control the rate of
decrease of the space charge density along the centra
stream of the flow. Parameter a was varied aong the
flow axisin such away that the law of conservation of
charge in the stream held true. Physicaly, this means
the absence of charge sources and drains in the elec-
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trode gap. Applying various combinations of parame-
tersa and [3, one can simulate different flow patterns.

CALCULATION OF THE ELECTRIC FORCE
DENSITY DISTRIBUTION

Constructing the charge distribution is followed by
calculating the corresponding distribution of Coulomb
forces pE. Throughout the simulation, the potentials on
the plane electrode and cylindrical electrode were set
equal to 0V and 20 kV, respectively. At the boundaries
of the cell, the normal component of the electric field
was assumed to vanish. The average experimental value
of the flow velocity in the central stream measured at a
given voltage was taken to determine p,.The electric
field distribution and the el ectric force density were cal-
culated using the electrostatic version of the ANSY S
software package.

CALCULATION OF THE VELOCITY
DISTRIBUTION IN ELECTROHY DRODYNAMIC
FLOWS

The electric force density distribution obtained was
substituted into the equations of hydrodynamics as the
density of external forces. The boundary conditions
were taken to be zero velocities at the electrodes and
cell walls. The geometry of the electric and hydrody-
namic problems, as well as the properties of the liquid,
was assumed to remain the same and meet the experi-
mental conditions. The hydrodynamic problem was
solved by thefinite-element method with the help of the
ANSY S package. The calculated velocity distributions
were analyzed and compared with the distributions
obtained by processing the experimental data. In the
numerical experiment, we studied the influence of var-
ious space charge distributions on the kinematic param-
eters of electrohydrodynamic flows.

Some of the authors approximate the electrody-
namic flow by an immersed jet. In this case, acting
forces are concentrated near the active electrode.
Therefore, at the first step, we assumed that the space
charge is localized near the surface of the cylindrical
electrode, ignoring the entrainment of the charge by the
flow (low €electric Reynolds numbers). Subsequently,
the charge entrainment by the flow was allowed for.

SIMULATION RESULTS

Figure 1 shows simulation results for the situation
when the entire space charge concentrates in the near-
electrode zone, that is, within the cylindrical ring coax-
ial with the electrode. Space charge isolines and the
vector field of Coulomb forces (shown by the arrows)
for this case are demonstrated in Fig. 1a. The electrode
Cross section corresponds to the inner circumference.
The distribution of Coulomb forces, as well as the
space charge distribution, are symmetric about the axis
of the active electrode. Figure 1b showstheisolinesand



578
x1073
1.0
0.8
0.6 -
04
0.2

0 -
-0.2
-04
-0.6
-0.8F

_1-01 1 1 1 1 1 1 1 1 1
-1.0 -06 -020 02 0.6

1
1.0
x1073

STISHKOV et al.

Fig. 1. (a) Electric space chargeisolines and the Coulomb force vector field (shown by the arrows) for the situation where the entire
space chargeisin the near-electrode zone and (b) the isolines of the flow velocity and of the velocity vector field for aflow arising

at such a charge distribution.
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Fig. 2. (a) Space charge density distribution and (b) the flow velocity isolines at a small asymmetry ( = 0.001).

vector field of the flow velocity arising at such a charge
distribution. The emerging small-scale vorticesare seen
to concentrate in the immediate vicinity of the elec-
trode. They form a symmetric pattern of size much
smaller than the electrode gap. Asfollows from theiso-
lines, the velocity in the vorticesis very low (no higher
than 0.1 mm/s at a voltage of 20 kV and a charge den-
sity of 3 x 10 C/m?3) and fades out over distances on
the order of the electrode diameter. Flows of this type
have not been observed in the experiments.

When aweak asymmetry appears in the charge dis-
tribution, the kinematic flow pattern changes apprecia-
bly. Figure 2 demonstrates the space charge density dis-
tributions and the flow velocity isolinesin the case of a
weakly asymmetric charge distribution (3 = 0.001).
From the charge distribution, it is seen that the charge
decreases by three times toward the counterelectrode
over a distance of 0.1 of the electrode gap length.
Therefore, one can assume that the charge concentrates
in the near-el ectrode zone as beforeis distributed asym-
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metrically relative to the electrode center. However,
even such an insignificant deviation from symmetry
turns out to be sufficient for numerous small-scale vor-
tices in the near-electrode zone to transform into two
clear-cut ones. The flow is now directed toward the
counterelectrode, and its velocity increasesto 2.5 cm/s.
However, the flow penetrates into the electrode gap
over a distance no larger than 0.3l,. In the rest of the
electrode gap, the flow velocity is insignificant. The
zonewheretheliquid isaccelerated isequal to the elec-
trode diameter. It is followed by the stagnation zone.
This regime has all signs of an undeveloped el ectrohy-
drodynamic flow [1] and is characterized by low values
of the average electric Reynolds number. In this situa-
tion, the electrical field strength distribution is seen to
be little affected by the space charge outside the small
near-electrode zone. The electric forces act over asmall
range equal to the electrode size. Thus, in this regime,
the el ectrohydrodynamic flow issimilar to an immersed
jet.

When parameter (3 increases, the asymmetry rapidly
grows and the flow occupies an ever expanding part of
the electrode gap. At 3 > 0.003, the electric force distri-
bution exhibits a portion wheretheforces are uniformly
localized and the kinematic flow pattern takesthe signs
of afully developed flow. Figure 3 shows the calcula-
tion results for 3 = 0.005: the charge decreases tenfold
over a distance of 2.5 cm, which is equal to the elec-
trode gap length. The extent of the acceleration zone
amounts to =0.2l, and is virtually independent of the
applied voltage. There also exists a wide zone of uni-
form motion, where the velocity vectors are aligned
with the axis passing through the center of the active
electrode normally to the plane electrode and the mag-
nitude of the velocity varies only dightly. This zone
occupies most of the electrode gap. The zone of effec-
tive stagnation startsto form at 0.6l,. All these features
are, in general, consistent with earlier publication [4]
concerning the kinematic pattern of developed electro-
hydrodynamic flows.

It is known that so-called smooth flow about a cyl-
inder occurs at low Reynolds numbers. In this case,
streamlinesin the liquid are symmetric about the cylin-
der axis. The streamline pattern in the el ectrohydrody-
namic flow near the active electrodeisakinto that inthe
smooth flow: the streamlines describe circles centered
on the electrode axis. However, the symmetry about the
plane containing the axis of the active electrode and
being parallel to the plane electrode is broken. Thisis
because volume electric forces accelerate the liquid
behind the cylindrical electrode toward the plane elec-
trode. The jet of the liquid contracts, and the velocity
isolines clearly demonstrate a zero-velocity domain
extending in the flow direction. Behind the electrode, a
low-pressure zone is observed. As the rate of decrease
of the charge goes on dropping, the flow pattern as a
whole remains amost unchanged but acquires new
attributes near the central stream unobserved in the
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Fig. 3. Velocity isolines for the fully developed electrohy-
drodynamic flow (3 = 0.005).

experiments. Specifically, the velocity of the central
stream is no longer constant: it slowly grows, attaining
amaximum closer to the plane electrode. At 3 > 0.01,
the charged stream turns into a narrow strip of anearly
constant width and the charge density along the stream
varies by no more than 30% over the electrode gap.

In the devel oped flow (unlike the undevel oped one),
the region of localization of acting forces occupies an
appreciable part of the electrode gap. Therefore, the
flow pattern acquires new attributes not found in the
immersed jet, namely, an extended acceleration zone
and an intermediate zone of weakly varying flow. These
zones are clearly seen in the acceleration distributions
shown in Fig 4. Also, the calculation shows that the
space charge appreciably influences the electric field
distribution in the liquid under these conditions.

Figure 4 shows the acceleration distributions along
aline passing through the center of the cylindrical elec-
trode normally to the plane one for rates of decrease of
the charge 3 = 0.001, 0.003, 0.005, ..., 0.010. It isseen
that 3 = 0.001 corresponds to the undevel oped flow: the
acceleration zone occupying =0.1l, is followed by the
extended stagnation zone, where the acceleration is
negative. At (3 ranging between 0.005 and 0.010, the
pattern of the flow isvirtualy invariable and consists of
three zones. In the acceleration zone, a maximum of
velocity is reached near 0.05l,. In the uniform flow
zone, the velocity is directed along the flow axis and
changes weakly (the accelerations are low). The loca-
tion of the effective stagnation zone depends on therate
of decrease of the charge and begins at 0.4-0.6l, with a
maximum of the velocity at 0.8l,. As 3 grows, the uni-
form flow zone expands.

As follows from the calculation, the space charge

distribution typical of afully developed electrohydro-
dynamic flow may appreciably distort the electric field
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distributions calculated without considering the space
charge. The distributions of Coulomb forces causing
electrohydrodynamic flows are of a complicated char-
acter: the forces differ both in magnitude and in direc-
tion. Unlike the distribution of accelerations, that of
Coulomb forces does not show a maximum. To gain a
deeper insight into the situation, we carried out a
numerical experiment, setting a uniform distribution of
forcesacting along the central stream axisand localized
within a strip with sizes roughly equal to those of the
zone of space charge localization in a fully developed
electrohydrodynamic flow. The pattern of the resulting
flow is similar to that arising when the charge gently
diffuses along the central stream. Namely, the extended
acceleration zone and the intermediate uniform-flow
zone are virtually absent, and the accel eration and stag-
nation zones dternate. The velocity reaches a maxi-

x1073
OF_~ ‘ \ @ )
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mum within the strip of forces, and the stagnation zone
immediately follows the maximum.

Thus, having performed numerical analysis, we dis-
covered a correl ation between the zone structure of the
electrohydrodynamic flow and the space charge distri-
bution in the central stream of the flow.

Now that we are fully aware of the kinematic and
electric characteristics of the electrohydrodynamic flow
(the distributions of electric field strength E, charge
density p, and the flow velocity), it is possibleto find a
distribution of local electric Reynolds numbers, Re, =
V/bE, and the density of convection current, J. = pV, in
the volume of the liquid. The values of the current den-
sity (Fig. 5b) are normalized by the maximum value
(imax = 0.7 x 10* A/m?). The electric Reynolds number
distribution (Fig. 5a) has a drop-shaped form with a
maximum in the central stream. The convection current
has the form of a narrow strip in the central stream of
the flow. The regions of low Re,; and J. near both elec-
trodesare seen. In theseregions, ion transport isaccom-
plished chiefly by migration.

In many works (see, e.g., [6, 7]), the nonlinear part
of the I-V characteristic is associated with the mecha-
nism of conduction by convection. We share this view-
point. The density of the total current is equal to the
sum of the conduction and convection current densities,
j Op (V + bE). In the central stream, the density of the
convection current considerably exceeds the density of
the conduction current (Fig. 5b). However, in the stag-
nant near-electrode layers, the electric Re is small, so
that the role of the conduction current in these regions
becomes appreciable. The total resistance of the elec-
trode-iquid system is the sum of the resistances of all
the zones plus the resistances of the electrode-iquid
interfaces. The highest resistance region is the major
contributor to the total resistance, and it needs not be
the region around the central stream. Studying theinflu-
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Fig. 5. (a) Electric Reisolines and (b) convection current density isolinesin the fully developed el ectrohydrodynamic flow.
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ence of the electrode-iquid interface on the form of the
|-V characteristic, one of the authors [8] showed that
the metal-iquid contact might be a controlling factor.
Therefore, while diving the convection term the atten-
tion it deserves, we yet believe that the influence of all
the zones on the |-V characteristic should be thor-
oughly analyzed in each particular case.

CONCLUSIONS

We carried out a computer-aided simulation of the
kinematic pattern of the electrohydrodynamic flow at
different space charge distributions in the liquid. The
conclusions drawn are as follows.

(1) Symmetric space charge distributions in the
form of aring surrounding the electrode without con-
sidering charge drift into the liquid generate local mul-
tiple-vortex flows, which do not penetrate deep into the
liquid. Such flows have not been observed experimen-
tally.

(2) Weakly symmetric charge distributions|ocalized
near the cylindrical electrode cause two-vortex flows
toward the plane electrode. The pattern of theseflowsis
similar to that of the observable undevel oped el ectrohy-
drodynamic flow described earlier. In this flow, the
influence of the space charge is insignificant and the
flow pattern resembles the pattern of an immersed jet.

(3) If the charge drift from the near-electrode zone
into the liquid is pronounced, the penetration depth of
the flow increases and the fully developed electrohy-
drodynamic flow setsin. In this flow, the space charge
has an appreciable effect on the electric field distribu-
tion in the liquid: the electric force density distribution
and the convection current density distribution have the
form of afinefilament along the flow axis. Under these
conditions, the zone structure of the flow is similar to
the developed electrohydrodynamic flow pattern
obtained earlier from analysis of experimental data.

(4) Inthe immediate vicinity of the cylindrical elec-
trode, thereisazone of very low vel ocities and reduced
pressure, athough the density of acting electric forces
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hereishigh. Inthis zone, the electrohydrodynamic flow
is akin to the smooth flow and does not separate. For
such aflow about the electrode, the charge in the form
of afine filament istransported from the near-electrode
zone into the electrode gap.

(5) In the fully developed electrohydrodynamic
flow, the charge transport in the near-electrode zones
and in the central stream is accomplished largely by
migration and convection, respectively, asfollowsfrom
the simulated distributions of the electric Re and con-
vection current. When analyzing the mechanism gov-
erning the form of the 1-V characteristic, one should
take into account all stages of the electrode processes,
including those at contacts.

REFERENCES

1. Yu. K. Stishkov and A. A. Ostapenko, Electrohydrody-
namic Flows in Liquid Insulators (Leningr. Gos. Univ,
Leningrad, 1989) [in Russian].

2. Yu. K. Stishkov and M. A. Pavleyno, Elektrokhim.
Obrab. Met., No. 1, 14 (2000).

3. A. V. Buyanov, M. A. Pavleyno, and Yu. K. Stishkov, in
Proceedings of the 6th International cientific Confer-
ence on Contemporary Problems in Electrophysics and
Electrohydrodynamics of Liquids, S. Petersburg, 2000,
pp. 4-9.

4. A. V. Buyanov, M. A. Pavleyno, and Yu. K. Stishkov,
Vestn. St. Peterb. Univ., Ser. 4: Fiz., Khim., No. 12
(2001).

5. A.V.Buyanov andYu. K. Stishkov, Zh. Tekh. Fiz. 73 (8),
34 (2003) [Tech. Phys. 48, 972 (2003)].

6. P. Atten and |. Haidara, IEEE Trans. Electr. Insul. 20,
187 (1985).

7. P Atten and |. Haidara, IEEE Trans. Ind. Appl. 21, 709
(1985).

8. Yu. K. Stishkov, Dokl. Akad. Nauk SSSR 288, 861
(1986) [Sov. Phys. Dokl. 31, 500 (1986)].

Trandated by N. Mende



Technical Physics, Vol. 50, No. 5, 2005, pp. 582-589. Translated from Zhurnal Tekhnicheskor Fiziki, Vol. 75, No. 5, 2005, pp. 52-59.

Original Russian Text Copyright © 2005 by Golyatin, Kuchinskiy, Sukhomlinov.

GASES

AND LIQUIDS

Effect of External Power Supply to a Shock Layer
on the Shock Wave Structure

V. Yu. Golyatin*, V. V. Kuchinskiy**, and V. S. Sukhomlinov*

* Physics Research Institute, . Petersburg State University,
Ul’yanovskaya ul. 1, Petrodvorets, . Petersburg, 198903 Russia

e-mail: SUKHOMLINOV@POBOX.ru

** Research Institute of Hypersonic Systems, S. Petersburg, 196066 Russia
e-mail: AJAX@COMSET.NET

Received June 28, 2004

Abstract—A physical model that describes the structure of a 1D shock wave in agas containing amoving heat
sourceisput forward. A stationary equation for the profile of ashock wave in agaswith an arbitrary-shape heat
source that is at rest relative to this wave is derived. Analytical solutions to this equation make it possible to
analyze the flow pattern in the case of external power supply. © 2005 Pleiades Publishing, Inc.

INTRODUCTION

Much interest has recently arisen in the effect of
external actions on supersonic flows. In particular, the
propagation of shock waves (SWs) in aweakly ionized
gas-discharge plasmawas studied in [1, 2]. Anomalous
changesin the SW structure (SW front broadening, SW
attenuation, and the nonmonotonicity of the SW struc-
ture) were observed in experiments with traveling SWs
and with bodies flying through a plasma [3-5]. It was
supposed [6] that, when SWs propagate along an elec-
tric field, some of these effects can be accounted for by
the appearance of an electric field behind the shock
wave, where the density of the gas rises. Such condi-
tions are equivalent to the presence of an externa
power supply.

Basic formulas that extend the Hugoniot—Rankine
relationships to the case when a heat source that is at
rest relative to a shock wave is present near the SW
front were derived in [7]. The results obtained in [7]
relate the asymptotic values of gas flow parametersin
the undisturbed (supersonic) flow with the asymptotic
values of the parameters in the disturbed flow and can-
not describe the shock layer structure.

In this work, we suggest simple analytical tech-
niques for calculating the SW shape at any point of the
space in the 1D approximation. Analytical techniques
make it possible to clearly illustrate how local energy
supply influences the SW structure. In addition, such
methods will allow researchersto reveal general trends
in a phenomenon under consideration. Specifically, we
consider here the supersonic motion of aerodynamic
objectsin aplasma, that is, ballistic-range experiments

[3]. Experimental approaches to determining the SW
parameters can be found elsewhere [1-5].

1. BASIC EQUATIONS

Consider aplane SW moving in agas flow that con-
tains a heat source near the SW front. The set of 1D
nonstationary equations describing the SW parameters
in the presence of a heat source moving in the x direc-
tion with velocity w has the form

ap 0 _
=+ 2 (pu) = 0,

9 O 24 pd,0u -
5P+ 55 PU +P—3H5 5 = O,

atEqu p%+—%u2+%pu

49
*ep- “ag

Here, p, u, € W, A, and T are, respectively, the density,
mass velocity, internal energy, viscosity, thermal con-
ductivity, and absolute temperature of thegasand p is
the static pressure.

A stationary solution to set (1) will be sought in the
coordinate system moving with velocity w. To thisend,
we passto variable { = x —wt. Asadesired function, we
take v =w—u, which correspondsto the coordinate sys-
tem moving with the heat source and also makesit pos-
sible to consider the case of a stationary (unmoving)
heat source in a gas flowing aong the & axis. Using

(D

a DQ(X wt) = 0.

1063-7842/05/5005-0582$26.00 © 2005 Pleiades Publishing, Inc.
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well-known relationships, one can easily derive from
set (1)

4 dv _ y—1Hg
é“ﬁ QO%/ + y VD’
4 d 1 1 @
SMgEdt +3vH = Bo- Qo+ QV%+IQ(E')dE',
3

where H is the gas enthalpy per unit mass; Q,, Py, and
E, are positive constants; y = ¢//c,; and ¢, and ¢, are
specific heats at constant pressure and volume, respec-
tively.

Integration of the second equation in (2) subject to

E, lm N
¢@€) —= =0, Q.[ (€)dg

—00

0@ = &

at infinity gives for function ¢(&) = H + (1/2)v? the
expression

0(E) = —+——B|’Q(E)d2
E 3

[13Qo§'m e
D4u J' D4u FQ(E)dE’ O

Let limv =v,, wherev, isthe massvelocity of the

& o
gas relative to the source moving in the undisturbed
flow. Suppose that there exists apoint & = &, where

dvi- =9
d€ |¢=¢,

v(€) being a continuous function at & > §,, and let
V] -, = V,. Forenthalpy H(E), it follows from (3) that

E,+AE(E) 1 .
o3V

Putting { — o0 and & = &, we obtain two relation-
ships

H(E) =

Po _y+1 -1 AEO 1
— =L _—(y + il
Qo 2y (Va+va) Y V- 1Q0
Dy+1 Ly-1 1E 1D @
Eo
Qo 0 2y Vit Y Vquj
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where
AE(E) = _[Q(E')dé'
£

QOED
4u U

+enetf oo P anhae)de

is the delivered power flux per unit area with AE, =
AE(&o).

Substituting equalities (4) into the first equation in
(2) yields

%‘“‘35 - y;yl?/od"l“’)(" V)
)
L 2Ay=1AE(V —Vy)  2(y —1)AE(E) ]
(Y+1) (vo—v)Qo (Y*+1) Qo [
In the dimensionless coordinate system
3p1a1(y+1)
“ 8 u S——(x—wt), (6)

Eqg. (5) turnsinto a stationary (in the coordinate system
sdlected) inhomogeneous equation for velocity v =w—u,

dv _ 2B(Y)
vd—y = (v;—Vv)(v-v w)M Vi y 202" @)
where
By) = LU0y
3(y+ 1) piay g
3p, M] [BP1a1Y
+expD an O exp T an DQ(Y')dY D>0
YMZ+1—(M?—1) 1_BéYO)
— lim
Vo =V (y+1)M2 ) (8)
Bllm = Y (M )

ETICYR B(Yo) = y”jgo(B(y)),

W = 2+ (y— 1)M
(y+ 1)M

Here, v, and p, are, respectively, the velocity and den-
sity of the gas, M = M, = v,/a, isthe Mach number, and
g, is the sound velocity in the undisturbed flow (at
y— +00)_
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It isevident that
V—>Vy, d_V =0,
y- dy Y=Yo
3pay(y+1
Vliy=y, = Var Yo = Sﬁﬂl(y )Eo

From the expression for v,, it follows that, if the
inequality

B(ye) < By = L= ©
(y +1) M
ismet, thereexistsapointy =y, where v|,_, =Vv,and
dvi  =o
dy Y=Yo

Detailed anaysis of Egs. (7)—(9) shows that the
above conditions are met iff y, —» —o.

If the heat source does not generate power, Eq. (7)
turns into the equation derived in [8]. In this case (B =
0), asolution to Eq. (7) can be found in implicit form,

1_Y _ (v =vo)(vi=JViVy) |
Vi Vi(JViV,—
X expD—

OoVvVi—Vo
a, %

The constant of integration here is taken such that
point y = O corresponds to the maximum of the first
derivative of the velocity (d?v(y)/dx?, -, = 0). Velocity
v = v(y) and itsfirst derivative at point y = 0 are given
by the simple expressions

(10)

v(0) = vi, Y| = My, (1+w)?
dyly-o (11)
(B(y) = 0).

When solving Eq. (7) for B(y) # 0in order to find the
absolute value of the SW front displacement due to
heating, one must keep the origin at the point wherethe
first derivative of the vel ocity with respect to distanceis
maximal (i.e., at y = 0). A constant of integration should
be taken such that asolution obtained will continuously
turn into solution (10) when B(y) # O continuously
passesto B(y) = 0. To thisend, it will sufficeto find the
first derivative of the velocity from the condition of
vanishing of the second derivative and substitute
dv,

dy y=0
yields a fourth-degree polynomial in correction A to
velocity v(0) at B(y) = 0 (seeformula (7)),

v(0) = vy + v,A, A*+a,A’+a,A’ +a,A+a,= 0,

into basic equation (7). Such a procedure

a, = Cow(1-w)’—ci—c,w’,
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a = Co(l+w) 2w (l-w)’—2c,,  (12)
a = ¢, -3w(l-w)°, a;= - +4w—1,
1
¢, = =— 4B
y M dy y=0

The second (in magnitude) root of polynomial (12)
gives A needed to calculate v(0) = vy (w+A) (at B —
0, thisroot A — 0, sincea, — 0). Inmost cases, v(0)
can be fairly accurately found from the approximate

formula
0 a,+.a’-4aa
v(0)= v, [——=+ 21 L % (13)
O a, O

2. COMPUTATIONAL FORMULAS FOR SHOCK
WAVE PARAMETERS

Knowing asolution at y = 0, one can uniquely deter-
mine the velocity profile. This may be done with rou-
tine programs (using, e.g., any version of the Runge-
Kuttamethod) or with approximants given below (these
approximants make it possible to determine the veloc-
ity profile with afairly high accuracy). Then, using the
well-known relationships, one can find the pressure,
temperature, and density of the gas, aswell asthelocal
Mach number,

MT

0
p(y) = p1[a+vM2[1—
O Vi

VMY +Drg v 2 v, B8
T2 [%l_ v, OO V15+V2M3}%14)
T(y) = 3.4837x10‘3%v(y),

o) = 23 x(y) = B,

-1

o 25 -HE
(15)

Ly+1) } v
+—= :
|v|2 Ve 5B(Y)
From (15), one can find the velocity at which the

local Mach number (designated as M(y), whereas M is
the Mach number in the undisturbed flow) equals unity

at point y,,
V(Y = v, o+ B0 (16)
Y M3
TECHNICAL PHYSICS Vol.50 No.5 2005
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Point y,, where equality (16) is valid, specifies the
SW front displacement due to heating; thus, expression
(16) is an equation from which the SW front displace-
ment can be found.

Asestimators, it is convenient to take analytical for-
mulasthat describe the SW parameter variation with an
accuracy sufficient for our purposes. For the SW veloc-
ity in the absence of aheat source (B(y) = 0), asymptotic
estimates yield two approximate rel ationships,

O My - O
(1-wre —11%
V) =V(y) = Vil 1+ — 17
Myu:)—
we +1
2
%;02+ 1-w >0
0 14 1lgMa-o)
0 w
v(y)=vq(y) = viO L (18)
019 4 yeo
0 My 515
O 1+we

Comparing the results obtained with (17) and (18)
shows that formula (17) provides an upper estimate of
the exact solution (implicitly, the exact solutionisgiven
by (10)), whileformula (18), alower estimate At B(y) #
0, the SW velocity is approximately given by formula
(26) in the Appendix. Also, formula (28) in the Appen-
dix estimates SW front width A, and approximate for-
mula (29), SW front displacement A,

3. WEAK-WAVE APPROXIMATION

In the weak-wave approximation (M — 1 < 1), itis
convenient to take advantage of function

v@ = GR-445 (19
where
0= 1-a?= % z=aMy.  (20)

In this approximation, function Y(2) satisfies the
equation

dy _ 2 B
i P —p+EF, (21)
where
B = @ B2 = B(=)f(2). (22
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Asin Section 2, the origin should be placed at point
zwhere d?{/dZ?|,- , = 0. Note that

Wo = W(0) = 5(1+8),

where 9 is the second (in magnitude) root of the cubic
equation

63+(|§f(0)—1)6+[_3;£

Zz:0

= 0. (23)

Equation (15) can be solved exactly, e.g., if theinte-
gral heat supply is described by the exponential

Z

|:|__
10" a z=0

f(2) = EE ] (24)
R-e" a z<0

or is approximated by a linear function in the interval
-L<z<L,

[ at z<-L,
[l

f(z) = %%—% a -L<z<L (0<f(2)<1)

D at z2L.

For the SW velocity subject to exponential integral
power supply (24), we obtain formula (30); for linear
power supply (25), we get formula (32) (formulas (30)
and (32) are given in the Appendix).

Figure 1 compares the numerical solution of exact
equation (7) (continuous line) with the analytical solu-
tion obtained by the formulasin the weak-wave approx-
imation (dots). The weak-wave approximation works
worst near the minimum of the SW vel ocity distribution
along the z coordinate. For M < 1.4 and 3 < [, this
approximation yields almost exact values. Different
variants of the formulas for the SW velocity make it
possible to estimate the behavior of other SW parame-
ters (see formulas (14) and (15)).

Thus, we have derived estimators for SW shape
variation in the presence of a heat source. They relate
the amount of supplied heat with temperature, density,
and pressure variation.

(25

4. RESULTS AND DISCUSSION

The formulas derived and basic equation (7) lead us
to the following conclusions: (i) in the case of external
power supply, the SW profile may be honmonotonic;
(it) the local Mach number may either be a monotonic
function of coordinate or have a single minimum down-
stream of the SW center; and (iii) at any Mach number,
the SW intensity drops and the SW front broadens as
the integra amount of the heat supplied increases
(Figs. 2 and 3).
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Fig. 1. (a) Coordinate dependence of the local Mach num-
ber. Continuous curves, the exact solution to Eq. (3); dotted
curves, the weak-wave approximation. (b) Relative error
associated with the weak-wave approximation at different
initial Mach numbers (figures by the curves).

When analyzing the variation of the flow structure
subject to external heat supply, one hasto determinethe
boundaries of the super- and subsonic flows. In the
absence of external heat (3 = 0), it can be shown, using
formulas (15), (17), and (18), that My(y) > 1 fory >0
and My(y) < 1for y<O0. Thus, in our coordinate system,
point y =y, separating the regions of super- and sub-
sonic flowsin the SW coincides with the point of max-
imum of derivative dv,(y)/dy; so, y;= 0. If heat isdeliv-
ered to the shock layer, the boundary between the
super- and subsonic flows in the SW shifts upstream.
However, in the subsonic region at y — —o, the Mach
number increases compared with the case when exter-
nal heat is not supplied.

From the formulas derived above, it follows that,
when the amount of heat equals acritical value (i.e., at
B(Yo) = B(—») = By, formula (9)), the flow behind the
wave asymptotically tends to become sonic (Fig. 2).
Hence, an SW, which is treated as a continuous decel-
eration through the sonic speed (the supersonic-to-sub-
sonic transition), disappears in this case. Let us con-
sider reasons for such behavior of the flow subject to
external heat supply and also why the Navier—Stokes
equations that are stationary in the coordinate system

GOLYATIN et al.
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Fig. 2. (a) Velocity and (b) Mach number distributions at
different positions of the local heat source. The source has
aGaussian shape with ahalf-width of 2.5 mm and generates
the maximal heat (By;,,). (1) Distributions in the absence of
heat, (2) heat source is shifted downstream by 1 mm,
(3) heat sourceisat the shock front (unshifted), and (4) heat
source is shifted upstream by 1 mm.

related to amoving source cannot be solved at 3(—e0) >

Blim-

We found that, at any B(—) < Bim the flow splits
into the supersonic (y >y and subsonic (y < V)
regions. As the shock layer is approached, the flow
deceleration in the absence of externa heat isdueto gas
compression. It isknown that, when heat is delivered to
the supersonic region, the higher the amount of heat,
the more effective the flow deceleration, and the gas
temperature rises [9]. This additional deceleration
reduces the mass velocity in front of the shock layer;
that is, v(y) and the loca Mach number decrease
(Figs. 2 and 3). Asthe Mach number decreases, so does
the compression in the SW and, hence, the deceleration
of the flow. In going to the subsonic region (y < V),
external heat supply to the flow isknown[9] to raisethe
flow velocity, the mass velocity increasing with therate
of heat delivery. Note that the increase in the mass
velocity in the subsonic region is not compensated for

TECHNICAL PHYSICS Vol. 50
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Fig. 3. Distributions of the (a) velocity, (b) Mach number, (c) intensity, (d) density, (e) pressure, ad (f) temperature for different
amounts of supplied heat 3. B(—)/Bjim (1) 0, (2) 0.25, (3) 0.50, and (4) 1.00.

by an increase in the gas temperature. Therefore, while
generally decreasing, the local Mach number becomes
the higher (at y — —) or thelower (aty —» +o), the
higher therate of heat delivery (Fig. 3). Asfollowsfrom
Fig. 3c, when the amount of heat grows, theintensity of
the SW decreases and the wave itself diffuses (the gra-
dients of v(y), p(y), etc. smooth out). Thus, it can be
argued that, at (—0) = B, the shock wave somewhat
transformsinto adomain wherethe gas parametersvary
smoothly.

A significant remark isin order. Let the heat source
be in the subsonic region. Then, the heat will readily
propagate up- and downstream via heat conduction and
downstream viatransfer by the flow.

Now consider the case when the heat sourceisin the
supersonic region. The heat transfer downstream will
be as efficient as in the former case. Since the heat is
transferred with athermal velocity, it seemingly cannot
2005
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propagate upstream, i.e., against the direction of the
mass velocity. Actually, however, this is not the case,
because gas molecules obey the Maxwell velocity dis-
tribution. For any M, there exist particles with veloci-
ties directed against the flow and exceeding the mass
velocity. Obviously, the number of such particles
decreases with increasing the mass velocity of the gas.
Thus, irrespective of whether the flow is supersonic or
subsonic, heat delivered to a limited space will propa-
gate both downstream and (while with a lower effi-
ciency) upstream. Let us substantiate this statement. If
we represent volume power density Q(&) of a spatially
limited heat source, e.g., inthe form Q(&) = Qy(§)6(& —
€)0(&, — &) (B(&) is the Heaviside function), function
AE(&) defined by formula (4) will exponentially drop
down to zero at & > &, and remain constant at § < &;.
Such reasoning explains why a spatially limited source
supplying heat to the supersonic flow changes the flow
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pattern upstream of the heat release area in the station-
ary solution.

Consider now the gas flow when two heat sources,
one (Qu(y)) in the supersonic region and the other
(Q4(Y)) in the subsonic one, generate the same power.
Ontheright of pointy = y,, Q, has aweaker effect than
Q; because of the minor hest flux upstream, as we have
just concluded. In other words, the gas deceleration in
the supersonic region isstronger: vo(y) > vy(y) aty —
oo, As for the loca Mach number, M;(y) < My(y).
Because of the more significant decrease in the Mach
number in the former case (in the supersonic region),
the SW is attenuated more significantly; hence, the
compression of the flow in the shock layer exerts a
smaller effect on the gas deceleration. Therefore, a

GOLYATIN et al.

similar way. From the aforesaid, it follows, in particu-
lar, that, when heat is supplied to the supersonic region
(in front of the SW), the wave broadens to a greater
extent than when the same amount of heat is supplied
to the subsonic region (behind the wave).

The formulas derived allow one to study at length
changes in the SW structure that are induced by heat
delivered to the SW front.

APPENDIX

The approximate formula for the velocity (the
approximate solution to Eq. (7)) is given by

point must exist (y,;) where v,(Y») = Vu(Y21). In going 0 dp(y)
. t (Y21 : : ! 0 , 9B(Y)
into the subsonic region, Q, will make a higher contri- 01+ VM 2" dy
bution to the flow acceleration until y = y,,. Thisis  Vn(Y) = Vi[ PTYYE 5+ 2B —BOy)MV
because amajor fraction of heat Q, istransferred down- %( ) fim !
stream via mass velocity and heat conduction. At the 0
same time, a part of heat Q, propagates upstream; i.e., (26)
Q,islessefficient. Aty <y, , the effect of Q, and Q, on Y 0
the flow parameters is nearly the same and the mass J./\/M(Blim_ B(2))dz O
velocities are asymptotically equalized. Therefore, | (o v,0 Biim — B(Y) E
Vi(y) > Vy(y) and vi(—) = v,(-—e) at y — —o. The yMv, y’M® g
effect of the shape, intensity, and location of the heat O
sources on other flow parameters may be analyzed in a 0
1+yM* _v(0), dB(O) v,
2 v dy 4(B;m—BO)Mv
0 = _tanh VW(VJ’ 1)M 1 y 4B B(0)) Ll 27)
Biim—B(0)
The shock front width is M E[ 0 0
By _Vi-V, S v(OF T V(O)][ }_C(’V%’
Bo = (28)
3p.ay(y +1) [dv(y)g
O dy O ¢, = —=—dB(Y)
. , y*M’c, dy y=0
The approximate formulafor the SW front displace-
ment has the form
8uy dviy)o
A= — where is calculated by formula (7).
3p1ay(y + 1) Ody O,
The exact solution to Eqg. (21) (weak-wave approxi-
xé[z JE;H + '+ Co V(O) @} mation) for the exponential integral heat supply (see
8 V1 ! (24)) isgiven by

Cy= = dV(Y)

29
Vi dy (29)

y=0

O [HJ (2) a z< OD
v(z) = vl[ﬂ. (30)
+(2) a 2201
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where

10 g 2Ky @—=C 1y a(@)
v@=30-BL-B i S aTer g

4220

Dl

N
I
=

<ol

Ai'(Zo)ﬁ/lé_ —Ai({o)(2y,-1)
C, = : (33)

Bi'(Zo)}ﬂ% —Bi({o) (200 —-1)

(=1L

REN

B?eL, v = LJ1-B,

_ GoKyaa(lo) + L(1-~1-B—-2Wo)K,(%o)
Colvea(@o) + L(=1+ V1=B+240)1, (o) (39
W = W(-L), = P(L).

Co = H/%
If theintegral heat supply is describable by formula

_Z _Z 2z -1
W.(2) = /Be 3@ +CYLa(©) =L /BLL (22) for f(2) = %L + eLE , velocity v(z) isfound asthe
+ ! 2 !

8 IO+ CY(E) half-sum of the velocities calculated by (30) and (32)
with areasonable accuracy.

C

Wod (Eo) +0.353554/BJ, (o)
PoY. (o) + 0'35355’\/EYL—1(EO) REFERENCES
£ = LJE 1. D.M.vanWig A. L. Wesner, and L. R. Gauthier, in Pro-
0 - - .
2

C, =

ceedings of the 3rd Workshop on Weakly |onized Gasses
AlAA-99-4824, Norfolk, 1999.

For the case of the linear heat supply (see (25)), the
SW velaocity calculated through the exact solution for
P(2) is expressed through Airy functions Ai({) and

Bi(Q),

v(2)
i O _ [1_gO
él—A/l—Btanh 1B -2
O
i 2y, — 100
%Xtanh_lﬂ;_DDﬂ a z<-L, (32)
=v,|l-a[] oy1-pbd
0
%HJ(Z) a -L<z<l,
% 11 a z>L,
0 Ouz-L
M+=—-1-€
L U L ID
where

17, [BAI@)+CBIQ)
¥(2) = 2[1‘% A TCEG |
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between Concentric Spheres

P.S. Aleshin and S. A. Savkov

Orel State University, Orel, 302015 Russia
Received September 15, 2003; in final form, July 26, 2004

Abstract—The problem of calculating aheat flux in aspherical layer is considered. Theresults are obtained in
terms of the Bhatnagar—Gross—Krook model and the Boltzmann collision integral. A general (independent of
theform of the kinetic equation and the sol ution method) expression for the heat flux asafunction of the energy
accommodation coefficient is derived. The results are compared with the experiment and the analytical results

obtained previously. © 2005 Pleiades Publishing, Inc.

Investigation of heat transfer processes remains a
challenging problem in the kinetic theory of gases. In
particular, measurements of the heat flux from a physi-
cal body are used for gaining a better insight into gas—
surface interaction [1-3]. In the mgjority of the relevant
studies, the emphasis is on a heat flux from a single
sphere or on heat exchange between coaxial cylinders.
At the sametime, nobody, except Lees[4], has centered
due attention on the analysis of aheat flux between two
concentric spheres.

Asin [5], here we employ a version of the method
of half-gpatial moments. The results are obtained in
terms of the Bhatnagar—Gross—Krook (BGK) model [6]
and Boltzmann collision integral for molecules inter-
acting as elastic hard spheres. The procedure of calcu-
lating all the moments of thisintegral is described else-
where[7]. General (independent of both the form of the
kinetic equation and the solution method) expressions
relating the heat flux to the energy accommodation
coefficient are presented. The results are compared with
experimental data and the analytical data obtained pre-
viougdly.

Asthe unit of length, we take

- 3A
/\/1—_[!

K |8Tm
15n0 k3T0

is the mean free path of gas molecules [8] and K is the
thermal conductivity of the gas.

| 1

where

Let us consider a gas layer between two concentric
sphereswith radii R; < R, and constant surface temper-

atures T: > T-. Assume that the temperature drop

AT,= T. — T2 is sufficiently small that our consider-
ation may be restricted to alinear approximation.
Thegaslaw is stated as [8]

vV IIDf = Ju[f]. )

Here, V is the intrinsic thermal velocity of gas mole-
cules, fisthe distribution function, and J is the colli-
sion integral.

By virtue of the linearity condition assumed above,
Eq. (2) can be represented in the form

f = 1fo(1+9),
where

3/

2
fo exp(-C?)

- p MO

LpmkT
is the equilibrium (Maxwellian) distribution function;
m is the molecular mass; k is the Boltzmann constant;

C =V, /m/2kT,; and T, and n, are, respectively, some
temperature and concentration of gas molecules that
are taken to be equilibrium.

Passing to the spherical system of coordinates with
the origin at the center of the spheres and assuming that
function ¢ depends on only r, C, and C,, we have
from (2)

09, C-Clap _

Car r  acC,

Icol[(l)] ’ (3)

where |, is the linearized collision operator corre-
sponding to J.,. Derivative % istaken with respect to
r

the projection alone and does not affect the functions of
the vel ocity magnitude.

1063-7842/05/5005-0590$26.00 © 2005 Pleiades Publishing, Inc.



ON THE SOLUTION OF THE KINETIC EQUATION

As boundary conditions, we use diffuse reflections
of gas molecules from the surfaces of either sphere,

Ol,-g, = @F = 20 Bt—ng—T @

where

AT = Tf =T, Anf = nf=ny;
and T'r‘ and n'r‘ are, respectively, the temperature and

concentration of the molecules reflected from the sur-
face of akth sphere.

Quantities T'r‘ and nf are defined by the requirement
that the bulk motion of the gas be absent,

J’crq) exp(-C*)d’C = 0, (5)
and by the way of energy accommaodation,
Ef+Ef
o, = '—r 6

E = [ C.C’d(R)exp(-C)d’C  (7)

(-1¥c, <0

EX = ¥ J’ C,C’ofexp(-CHd’C ()
(-1)¥c, >0

are, respectively, the incoming dimensionless energy
flux due to incident molecules and the outgoing dimen-
sionless energy flux due to the moleculesreflected from
the surface of akth sphere and

Ef = ¥ I C,C*d¥exp(-CHd’C
(-1)%c, >0
is the energy that would be carried away by the mole-

cules that reflect with temperature T';, i.e., by those
obeying the distribution function

CD _ Ans % a]T TO.

In view of Iinearlty, any of the gas characteristics
can be represented in the form

AT
= Fx—
F=F To
Hereafter, we mark by the asterisk the valuesrelated
to AT, /T,, or, equivalently, to ATJT, if the energy
accommodation is compl ete.

AT, = TH -T2
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Let us first consider the internal sphere. From (5),
(7), and (8), we find that

An'  1+4I5AT,

n, 2 T,
1T AT, 1-21:AT
B == B =", (9)
JnTo’ Juo To
HER I C,C%d*(R,) exp(-C*)d’C.
C, <0
Similarly,

An; 1T Ts—To AT,

-2l
n 2 T, T,

_ Ti-T, 2I4AT,

Substituting these expressions into Eq. (6) yields
ay(Te=To) = AT(L+(1-ay)(11-215).  (10)
The desired energy flux is defined by the relation-

ship
1373
q = nO m OQ1

Q= n—”ZIcrc2¢ exp(-C?)d°C.

(11)

On the strength of the energy conservation law and
the linearity of the problem, we may write
RPAT

Q= Q5+

12
T, (12)

where Q* is a dimensionless constant. Without loss of
generality, it can be set equal to the density of the
energy flux from the surface of the internal sphere per
unit relative temperature difference under the condition
of complete energy accommodation.

On the other hand,

1-215+ I7AT,
T T
Comparing Egs. (12) and (13), we get
1-2lg+1;
_—_ﬁ .
Substitution of this expression into Eq. (10) gives
0y(Te=To) = (V(L1-0,)Q* +a)AT,.  (14)

Consider now the external sphere. Without loss of
generality, the temperature and concentration of the
molecules reflected from it can be viewed as equilib-

Qli-g, = E+E = (13)

Q=
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rium;i.e, To= Tr2 andny= nf. Under this assumption,
we obtain
» _ 14T,

= A/ﬁT_o’

(15)
ay(Ti=To) = —13(1-0,)AT,,
12 =t I C,C%p*(R,)exp(-C*)d°C.
C >0
Taking into account that
REAT
2 _ - Oxr 1T
E| (erzF{2 Q Rg TO ]
we arrive at

>~ R
17 = J/mQ =-
R;

Eventualy,

2

R
ay(Te—To) = —ﬁr(l—az)Q*R—;ATr.

2

(16)

Comparing Egs. (14) and (16) yields
_1

O O R O
AT, = %/EQ*mi—h—lDi— +1 AT,

¥ R2La,
Accordingly,

=1
Rio1 L A0 AT,

—. (17
Q0 To (17)

g 01
Q= O/mME=-1+——-
O M Rg%z

In the collisionless (ballistic) mode, which sets in
when the distance between the spheres or the radius of
the internal sphereis much less than the molecular free
path, one can evidently neglect achangein the distribu-
tion function in the volume and assumethat function ¢*

is zero in the domain of integration (9) and integrals | Ik
vanish. Therefore, in this approximation,

Accordingly,
—1
w01 ROl AT
Q - T[lIZD-— + UL s’
> 251 Rgmjz To
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Q _H1 R

= == +HE 18
Qua [ REQ}Z (18)
e Efm_l__lg&ﬁa_ﬁ_l

M1 Riﬂlz Q* O

The above relationship has a general character and
depends neither on the form of the kinetic equation nor
on the solution method.

To calculate Q*, we will take advantage of the gen-
eral ideaof the method of half-spatial moments, specif-
ically, representing a solution to Eg. (3) as a sum of
given velocity polynomials.

Note that the distribution function exhibits a discon-
tinuity on the surface of either sphere and aso the fact
that any point inside the gas can be assigned three
invariant cones in the velocity space, the boundaries of
these cones being crossed by molecules only when they
collide with each other. Bearing thisin mind, we write

¢ = zq)iHi’

where
¢; = a +a,C* +a5C, +a,C,C’, (19)

H; = H(C,-yC), H; = H(C,)—Hy,
H4 = H(—C,—VC),

R
Hy = H(-C,)—H,, Yy = f —r—l,

X + X
2X

and H(X) = is the Heaviside function.

Coefficients a'j , Which depend only on the distance
to the centers of the spheres, are determined from asys-
tem of the moment equations that can be obtained by
successively multiplying Eq. (3) with ¢ in form (19) by
Hiexp(-C?), C*Hiexp(-C?),  CHiexp(-C?), and
C,C°H;exp(—C? and integrating the result over the
velocity space. Omitting here calculations that are sim-
ilar to, but much more tedious than, those presented in
[5, 7], wenotethat, by virtue of (4), the desired solution
must satisfy the conditions

. An, 3AT, 4 AT,
al = —_——=—, a2 = -,
no 2 TO TO (20)
aa=a =0 a r=R,
a=a =0(i=1234),ar =R, (21
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ON THE SOLUTION OF THE KINETIC EQUATION

The value of An,/n, is defined by condition (5) (the
absence of mass transfer). Therefore, the first expres-
sion in (20) can be replaced by the equality

4(a; —ay) +8(a;—ap)
+Jm(2a5+5a; +2a3+5a;) = 0, a r = Ry,

which follows from (5).

Next, it is necessary to take into consideration that
the system of differential equations presented above
has a singularity on the surface of the internal sphere,
which stems from the collapse of the centrd (i.e., cor-
responding to functions ¢, and ¢5) conesin the velocity
space. Expanding the desired solution in powers of ¢ =
r — R, and including the requirement of the finiteness of
the distribution function, we get four additional condi-
tions,

Ay =a,,y =0(=12),ar=R. (2

Thus, the boundary conditions are specified by (i)
the distribution function for the molecules reflected
from the external sphere (i.e., by the values of functions
d;and b, atr = Ry), (ii) thedistribution function for the
molecul esreflected from theinternal sphere(i.e., by the
value of ¢, a r = Ry), and (iii) the requirement that
function ¢, befiniteatr — R;.

The heat flux from a unit surface of the interna
sphere can be determined as

Q=mn¥ J’c, C’d(R,) exp(-CHd*C

(22)

1 _4 1 _4
a,—a a, —a
T R B B

T T

Figure 1 presents numerical solutions to the system
of equations considered subject to the boundary condi-
tionslisted abovefor R;/R,=0.1, 0.5, 0.9, and 0.99 (the
bundles of curves 1, 2, 3, and 4, respectively). At
R)/R, < 0.01, the heat flux becomes independent of the
ratio between the radii and nearly coincides with the
results obtained in the limit R,/R, — O (Fig. 2), which
is equivalent to the case of a solitary sphere. Specific
values of the heat flux arelisted in the table.

It should be noted that most authors treat experi-
mental datausing the Leesmethod. Inthiscase, thedis-
tribution function istaken in the form

¢ = (a,+a,C’)H, + (ag+a,)(1-Hy),

and the system of moment equations is constructed by
using factors 1, C?, C,, and C,C2 This yields (see,
eg. [2])

Q* = %R@—%ﬁwﬂl- (24)

The disadvantages of such an approach were dis-
cussed, in particular, in [5, 7]. The values of Q* calcu-

5 35
+2(ag+ag) + Tx(ay + ).
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Q*

Fig. 1. Heat flux vs. the radius of the internal sphere for
Ri/R, = (1) 0.1, (2) 0.5, (3) 0.9, and (4) 0.99. The continu-
ous curves correspond to the model of elastic hard spheres;
the dashed curves, to the BGK mode of the collision inte-
gral; and the dot-and-dash curves, to the standard Lees
method.

0%
0.6

0.2

3 -2 -1 0 1 2 logR,

Fig. 2. Heat flux from asolitary sphere. The symbolsarethe
results obtained by direct numerical integration [9] in terms
of (0) the BGK collision integral and (@) the model of hard
spheres and (x) by the variational method [11].

010

—_—

0.1

0.01 L L L
0.1 1 10 100
A

Fig. 3. Ratio Q/Qy, calculated for R, = 7Ry and oy = 0, =
0.3. (O) Data points [10].
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Values of Q* for asolitary sphere

. 15 BGK model Molecsglheé;shard
8R,;
1 2 3 4

0.05 0.10342 | 0.10334 | 0.10494 | 0.1064
0.1 0.18247 | 0.18125 | 0.18689 | 0.1885
0.2 0.28891 | 0.28416 | 0.30055 | 0.2996
0.4 0.39594 | 0.38751 | 0.41684 | 0.4095
0.6 0.44607 | 0.43712 | 0.46986 | 0.4595
1 0.49175 | 0.48395 | 0.51494 | 0.5032
2 0.52810 | 0.52331 | 0.54561 | 0.5361
4 0.54624 | 0.54384 | 0.55720 | 0.5511
6 0.55220 | 0.55065 | 0.56005 | 0.5559
10 0.55694 | 0.55593 | 0.56186 | 0.5593
20 0.56051 | 0.55954 | 0.56298 | 0.5616

Note: Thefirst and the third columns list the results calculated by
the method of moments that is described in this paper, the
second column shows the results obtained by solving the
system of integral equations that follows from (3) [12], and
the fourth column presents the results of direct numerical
integration of the kinetic equation [9].

lated by formula (24) are shown by the dash-and-dot
linesin Fig. 1.

As is seen from the table and plots, the results of
solving the kinetic equation by the method proposed
agree with the values calculated in [9, 12] within 2.5%
for both the BGK and Boltzmann collision integrals.
The variational method provides nearly the same order
of accuracy. However, its application to the class of
problems similar to that considered in this paper is
restricted to model equations only. The error involved
in the standard L ees method is 10% or higher.

Figure 3 plotsratio Q/Qy, calculated for R, = 7R, and
0, = d, =0.3 (i.e, under the same conditions as those
used to measure the heat flux through a helium layer

ALESHIN, SAVKOV

bounded by glass spheres [11]). Here,

5«/13%[ R]DD1 lel
4R, Rﬁ[gl ZQ] ’
and
_ 5
Qn = 4—Rl%l——

isthe heat flux from aunit surface of theinternal sphere
at a unit temperature drop between the surfaces that is
calculated in the thermodynamic limit.
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Abstract—A study is made of an electromagnetic instability of ahomogeneous plasmawith an arbitrary veloc-
ity distribution in interstellar space on long time scalestypical of gas-dust cloudswithout a significant magnetic
field. It is shown that such instabilities develop on time scales of a few months or years and that it isonly a
narrow class of nearly spherical solutionsthat conformsto the stability requirements. © 2005 Pleiades Publish-

ing, Inc.

INTRODUCTION

The problem of stability of an inhomogeneous
plasma is important in the physics of interstellar and
interplanetary media, especialy because not al particle
velocity distributions can occur in anatural (even colli-
sionless) plasma. In fact, unstable distributions should
rapidly rearrange themselves into stable ones; this cir-
cumstance should be taken into account in constructing
theoretical models of the evolution of a medium [1, 2].
An example is the isotropization of an interstellar
medium in which two particle flows meet [3]. The
authors of [3] emphasized, however, the particular
character of this situation—the model of two overlap-
ping (interpenetrating) particleflowsisnot the only one
possible and many other anisotropic models may be
constructed as well. In addition, because of the huge
spatiotemporal scales of plasma objects in space, the
basic accepted views about the theory of plasma stabil-
ity, which is now better suited for laboratory applica
tions, are already in need of revision. As will be seen
below, the conclusions derived here for space plasmas
are somewhat unusual; in particular, a particle velocity
distribution centered in a conventional manner remains
stable only when the second harmonic in the expansion
of the phase density in spherical functions vanishes
(rather than satisfies a certain inequality). Physically,
thisindicates that the vel ocity diagram becomesisotro-
pic ontime scalesfar shorter than the general evolution-
ary scales.

Existing theories are usually restricted to the so-
called potential plasma instabilities [4, 5], i.e., the per-
turbations are treated only in terms of their el ectrostatic
field. Itisknown, however, that thereisthe Weibel elec-
tromagnetic instability [6], which is rarely mentioned
in the literature and which involves a perturbed mag-
netic field. However, the growth rate of this instability
is substantially slower than that of the potential insta-
bilities. This is why the electromagnetic instability is

almost never taken into account in describing ground-
based experiments:. under terrestrial conditions, this
instability does not have time to develop in the course
of experiment. In astrophysics, the situation is differ-
ent: therelevant time scales arerelatively long (amatter
of years or more). At the same time, observational data
and general considerations are insufficient to choose
between different realistic models[7, 8]; therefore, sta-
bility criteria have to be invoked.

It should be stressed that el ectromagnetic instability
should also manifest itself at moderate (nonrel ativistic)
particle velocities; in this case, however, the wavenum-
bers k of the instability are small and its growth rate is
slow. This can be readily demonstrated, e.g., by theele-
mentary example presented in [5]. The Weibel instabil-
ity of two discrete particle flows with the same density
ng and with the velocities (O, 0, —Vy) and (0, 0, V) (the
wave vector being oriented along the x axis) is
described by the dispersion relation

21,2 2 2

ck 200 Kk°V
—-1+—=0+—1 =0, (1)
w w O w U

where

4me’n
W, = [—— ° (2)

isthe Langmuir frequency. Here, e and mare the charge
and mass of a particle of agiven species, ¢ isthe speed
of light, and wisthe oscillation frequency. We write the
solution to dispersion relation (1) in the form

o = 40KV

20657 + K% + (260 + K2c?)’ + 860KV,

1063-7842/05/5005-0595$26.00 © 2005 Pleiades Publishing, Inc.
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and, in the limit of small wavenumbersk, obtain
w=ikV,, 3

which agrees with the conclusion obtained earlier in [5]
that the system is unstable.

Note that asymptotic formula (3) does not contain
the speed of light. It will be seen later that thisisacom-
mon feature of a wide class of nonrelativistic velocity
distributions. although the electromagnetic effects are
formally relativistic, the parameter ¢ drops out in the
limit kK — 0. It is another matter, however, that, in the
example at hand, the Weibel instability occurs over the
entirerange of k values and that, in the case of smoother
velocity distributions, there is a critical k value, which
approaches zero as the ratio of the mean velocity to the
speed of light decreases. The critical value of k will be
estimated at the end of the paper.

In order for the analysis to be more convenient from
the formal point of view and to comply better with the
existing literature on the subject [9], we begin with a
model of N discrete beams, which can be generalized to
a model with a continuous velocity distribution in a
trivial way. First of all, keeping in mind further possible
generalization, we nevertheless consider arbitrary par-
ticle velocities and then restrict ourselves to the limit
V < cinorder to single out and investigate the electro-
magnetic instability.

BASIC EQUATIONS

We adopt a model of a homogeneous plasma con-
sisting of the particle flowsdesignated asi =1, 2, ..., N,
with the corresponding flow velocity vectors Vi(u;, v;,
W), spatial densities n, particle masses my, and particle
charges . The model also assumes a background with
a space charge density of opposite sign:

= —iZnie,.

We consider the propagation of awave in the linear
approximation, assuming that the z axis points along
the wave vector K. Inthis case, all of the linearized per-
turbed quantities contain the factor exp(At + ikz), where
tisthetimeand A isthe growth rate.

If there were no perturbation, each particle would
move by inertia,

r=rg+Vit, (@]

where the vector rq(Xq, Yoi, Zoi) refersto acertaininitial
position of a particle.

In fact, we must take into account small perturba-
tions of both the electric (E) and magnetic (H) fields. In
order to obtain an evolutionary equation for the velocity
vector of anindividual particle, wefirst write the famil-
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iar equation for the particle momentum

dpi _ VixHD
i GHE*'TD 5)

and then take into account the algebraic relationships
between the velocity and the momentum,

p - mV 2! V = %1
A
c c
- (6)
m+B = L
Cc V?
1-5
c

Following what was said above, we can single out
the dependence on time and coordinates in the expres-
sionsfor E and H:

E = se)\t+ikz’ H = heMHkZ.
Linearizing Eq. (5) yields

dop; _ Vi X atvike

- = G"'%”Tme . 7)

Here and below, the symbol & denotes the perturbation
of agiven quantity.

Note, however, that the z coordinate on the right-
hand side of Egs. (7) refers to the instantaneous posi-
tion of a particle and thus should be determined from
Eq. (4); in this case, the perturbation gives rise to only
asmall (second-order) correction to Eq. (4). With these
remarks in mind, we integrate Eq. (7) from the infinite
past to find

t

V'xh i S+ wWit) +
op; = ei%-'-ITEJ.ek(ZOI i) Mdt

—o0 e (8)
B VithetHz
= et X + Tkw,”

On the right-hand side of this equation, the per-
turbed momentum is expressed in terms of the z coordi-
nate the particle would have in the absence of perturba
tion. Since we are interested exclusively in unstable
perturbations, we set ReA > 0. According to relation-
ships (6), we obtain the following equation for the
velocity perturbation:

V2
& [1-=
3V, = c

At +ikz

T MO T ikw) 9)
V,xh (V. E)V,
><[£+ S }
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We again integrate over t and use for the moment the
expression for the instantaneous z coordinate. As a
result, according to Eqg. (4), we get

2
6 1-4
Cc At +ikz
oy = — =
" m\ +ikw)? (10)
V.xh (V,E)V,
[esYixh_ (VY
c C

Thetotal current at each point should be found from
the relationship

)\t+|kz

J=je
The corresponding inverse relationship hastheform

21k

—At
j ke I J e—| kzdz

The current J is the sum of al the contributions
en,V; from each particlein each plasmaflow; of course,
the contributions should also be summed over the sub-
scripti. Inthe expansion of the quantity en;V,exp(—kz),
the zero-order terms entirely cancel each other, reflect-
ing the fact that, in an unperturbed state, there are no
currents. Accordingly, we have

N 21/k

ke_mz J’ (3V, —ikV,52)6 "z

o =j =

or

N 2

5 = Zni%ﬁw
i=1

(Vi X h)z

Vixh (V&)
_ }L
c c?

_wilVi &)}LZE (11)
O

—ikvi[ez+
C

2
x /1—\—/3 (Re\ >0).
C

Thisway of deriving the perturbed current is advan-
tageous in that it clearly illustrates how the factor L =
V(A + ikw) arises in this expression. The sought-for
current can a so be obtained by linearizing the hydrody-
namic equations for each of the flows; in this way, we
again arrive as expected at the above expression (11) for
). Notethat, if the quantitiesk and A are assumed to be
of the same order of magnitude, then the generated cur-
rent isinversely proportional to k.

Formula (11) should be used in combination with
Maxwell’s equations. However, in the case at hand, we
have H, = 0. Therefore, in terms of the wave vector
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k(0, 0, k), Maxwell’s equations become
A _ . R | S _
Eh = i(e xk), Ca~:+ C6]+|(h><k) =0. (12

Following the scheme of analysis adopted here, we
consider the long-wavelength limit: k — 0. Let the
guantities k and A be of the same order of smallness.
Note that the generated current is generally inversely
proportional to k. Consequently, in order to satisfy
Egs. (12), the relationship between k and A should be
chosen in such a way that, when the vector h from the
first of Egs. (12) is substituted into relationship (11),
the right-hand side of the latter, i.e.,

:% [)\+|kv

kR,
‘(A + ikVi)z} (13

where

R = e+ L(vx (e xk) -2
Cc

becomesanull vector (to withinrelatively small correc-
tions).

Recall that, at this step of the analysis, we are ignor-
ing a specific relativistic correction—the last terms in
theexpression for R;. We also restrict oursel vesto acer-
tain specia class of velocity distributions. Namely, we
assume that all the particles are of the same speciesand
that the velocity distribution (i) possesses a rotational

symmetry, f(u, v, w) = f (p, W) (p = U’ +v?), and
(i) is symmetric with respect to the equatoria plane,
f(u, v, =w) =f(u, v, w).

In the above specific formulation of the problem, it
is preferable to identify the z axis with the symmetry
axis of the velocity diagram; in this case, the wave vec-
tor k will be in an inclined position. Without loss of
generality, the plane that passes through the symmetry
axis and contains the wave vector can be assumed to be
the xz plane. Accordingly, the wave vector hasthe com-
ponents (ksino, 0, kcoso), where o is the angle
between the wave vector and the symmetry axis. In for-
mula (13), we switch from summation to integration
(for one particle species) and consider the components
of the expression obtained. All terms in the y compo-
nent of this expression contain the quantity €,, so we
divide by this quantity to obtain

2.2
J’J’J’Eﬂ— — 3 tdudvdw = 0
O [A+ik(usino +wcoso)] (14)
(¢,%20).

For the quantities €, and €,, we arrive at the follow-
ing set of two coupled equations:

Ag,+Bg, = 0, Beg,+Cg, = 0, (15)
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where

L\ +ik(wcoso —usino)

A= IIIE,\ +ik(usino + wcoso)

K2u®
[)\ +ik(usino +wcoso)]’ O

Dfdud vdw,

_ U ik(wsino + ucoso)
B= _ﬂf +ik(usino + wcoso)

2
+ Kuw Dfdudvdw
[\ +ik(usino +wcosa)] 0

_ [ +ik(usino —wcosa)
€= _[_U +ik(usino + wcoso)

2.2
- Kw _ Hfdudvdw,
[A +ik(wcoso + usmo)]

ANALY SIS OF THE BASIC EQUATIONS

Note that, according to the above conditions (i) and
(if), changing the sign of the coordinates u, v, and w
leaves the function f unchanged but changes the quanti-
ties A, B, and C into their complex conjugates; i.e.,
these quantities are real for real valuesof A. ASA —
oo, the left-hand side of Eq. (14) approachesitslimiting
value

J'J' fdudvdw = v >0,

wherev isthe spatial density of the particles of agiven
species. Analogoudly, in the same limit, we have A =
C =v and AC—-B?=v?> 0. By continuity, Eq. (14) and
the equation AC — B2 = 0 necessarily have the roots A >
0, which imply instability, provided that the left-hand
side of Eq. (14) and the expression AC — B? are negative
for small A values. These are sufficient conditions for
the plasmainstability. In order to analyze them in more
detail, we first turn to Eq. (14). To make the analysis
more illustrative, we begin by considering the class of
velacity distributions on a unit sphere. By virtue of the
above symmetry conditions, the expansion of the sur-
face density F on this spherein spherical functions has
the form

F = Z c,P,(cosb), (16)

where the sum istaken only over even values of n. Here
and below, we use the ordinary spherical coordinates:
0 istheanglewith respect to thew axis, and p isthe azi-
muthal angle in the equatoria plane (u, v). It is conve-
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nient to rotate the coordinate system so as to pass over
to the new velocity components,
U, = Ucosoc —wsing, Vv, =
: (17)
W; = USINC + WCO0SO.

Applying transformation of rotation (17) to expan-
sion (16) reduces to using the familiar theorem of sum-
mation of the spherical functions. As a result, the left-
hand side of Eq. (14) becomes

= g

0

X Z c,[P,(cosB,)P,(coso)

n=0

Z 22 " V;I PY)(cosb,)

k?sin“8,sin’ 1y
(A +ikcos®,)’

(18)

x P{)(coso) cosv, |sin®,de,dy,,

where 8; and |, are again the coordinates on the sphere,
but with respect to the new polar axis w;, and the Leg-
endre associated polynomials are abbreviated in the

conventional notation P{".

Integration over 1, on the right-hand side of expres-
sion (18) is a simple matter; the result is that there
remain only thetermswithv = 0 and 2:

M = T[nZO CHEP,]( cos0)

xﬂz_

K*sin°@

()\Tcose)z} Pn(COSO) sin6dd

(19)
. sin’oP!(coso)
(n+2)(n+1)n(n-1)

I—————————k SN0 b cos0)do o
()\ + |kcose) O

We are interested in the form of expression (19) in
thelimit A — O. Integrating by partsyields

smGPn(cose)
I(A + |kcose)

_ig1 _LD__ P(t)dt
KO\ +ik A —ild k )\+|kt '
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In the limit A = 0, we obtain

_ 2 1Py
"l

-1

dt.
Using the recurrence formula presented in [10], we
find
1 1
Pa(t)

[

0

n+1(t) 1_P %o)

=1- (n+1)I

(the number n is always assumed to be even). Conse-
quently, we arrive at the integral

_ 2
|, = 7500 (A = 0).

Other similar integrals on the right-hand side of
expression (19) reduce to this one and, hence, in the
limit A — 0, areequal to

"sin‘epP (cose)
I (A+ |kcose)

ezkiz(n=0); (n=2).

k*P,(0)
We then get

1

sin’@

J‘— P.(cosB)do
()\ + |kcose)

" (L=)[2tPL(t) =n(n+ 1)P, ()] 4
:[ (A +ikt)?

and thus are left with the problem of calculating the
auxiliary integral. Thisis done by integrating by parts,

1(1-1)P, (t) 2
I ()\+|kt) kP(O)
so we obtain
K, = 2(n+2)(n-1) (nz=2).
K°P 2(0)
Asaresult, we have
_ "¢, sinoP!(coso)
—21122 ¥ O)[Pn(cose) I ]

(20)

" c
= —4m .
nzz P.(0)

A sufficient condition for the function M to be neg-
ative is derived by integrating the right-hand side of
TECHNICAL PHYSICS  Vol. 50
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expression (20) with aweighting factor of sin’c:
Tt

J’sinaocosoP;(coso)do = g (n=2)0; (n=4)

s0 that

s

Ism ocosocM(o)do = %Tcz

(21)

By virtue of formula(21), the function M(o) for ¢, <
0 cannot be positive everywhere. There always exists a
o vaue such that M(o) < O; this implies instability.
Hence, the sufficient instability condition is the nega-
tiveness of the corresponding coefficient in the expan-
sion of the phase density in spherical functions:

T

IFPZ(cose)sinede <O0. (22

Let us now turn to the expression AC — B?. It is
readily verified that the following equality (whichisa
result of the above transformation of rotation of the
coordinate system) is satisfied:

AC-B* = AC,- B, (23)
where the expressions
A = Acos’ o —2BSinocoso + Csin’ a,
B, = (A-C)sinocoso + B(coszo—sinzo), (24)

. 2 . 2
C, = Asin"c + 2Bsinocoso + Ccos o;

derive from the explicit expressions for A, B, and C for
the above class of velocity distributions on a unit
sphere. In particular, we have

kul

If[l—()\ T W)’ }Fsmededu

Substituting the expressions for u,, w;, and F into
this relationship, we arrive at an expression that coin-
cides with expression (18) to within the replacement of
sin?y, by cos?y,;. We then simply have to change the
sign of the last term on the right-hand side of expres-
sion (19) to obtain

< ¢, [sin‘oP!(coso)
AT BEl D)
- Cn En +1p
4nz @ P, 00 P,_.(coso)  (25)
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where
— N p 0 =
n+an+1(cosc)D()\ 0). . .
The quantity C, is described by the expression " (2n+1)P,(0)

FsinB

I I ()\ + |kW1)
(26)
_ ATIN cnPn(cosc)

2
k¥ & Pa0)

which is valid to within small terms on the order of A3
and higher. Finaly, we get

5 o\ ulFsme
' II()\ + |kw1)

=21t KA z

sn°oP! (cose)
I()\ +ikcosB)?

The auxiliary integral can be taken by parts at
T=iAk

sch »(coso)

C(1-)Py(1)

I =

Hence, we have

dt = —n(n+ 1)TiP,(0) (A = 0).

B, = 2T[2% z c,P,(0)sinoP.(coso). (27)

Expressions (25)—(27) are sufficient to determine
the leading-order term of A,C, — Bf , Which is propor-
tional to A2. Note that the above expression for B, isnot

needed for further analysis and is given only to furnish
amore complete picture.

Let us estimate the mean value of the product A,C,

with aweighting function of sin®c. Based on formulas
(25) and (26) and on the recurrence formula (2n +

DP,(X) = P}, 1 (X) = P,,_; (X), wefind

J‘ s nsoAlcldc

- j(l Ay Z“ U (Ph+ 100) = Prn_1(¥))

m=0n=

x 1 2pr (%) -

A 5 Ph 1 (00Hx,

The orthogonality property of the Legendre associ-
ated polynomialsyields

T . «2(n+1)(2n*+2n-3) ,
Ism oA,C,do = Z Zn+3En=1) .
n=2 (28)

n“n+2-

+ Z 2n(n+2)

2(n+1)(n+3)
2 +5 n n+2+z

2n+3
The sought-for estimate is obtained by estimating

the mixed products a0 . » With nx=2 by means of the

obviousinequality 20, , < a + an+2 This gives

T

J'si n°oA,C,do

20 2 164
o n%ln +8n_9_FD

: _4HZ4(2n e D e st @

79
630(2 + 20,0,

We alwayshavecy,>0anda,>0. If a,<0and c, >
0, then the right-hand side of inequality (29) is negative
and the above examination shows that, at a certain o
value, the inequality A;C; < 0, and especialy the ine-

quality A;,C, — B2 < 0, should hold. Thisindicates that
the sufficient instability condition is given by the ine-
quality opposite to inequality (22). Accordingly, the
necessary stability condition is, on the whole, given by
the equality

s

IFPZ(cose)sinede = 0. (30)
0

GENERAL REMARKS

Up to this point, we have used an example of a
velocity distribution on a unit sphere. Now, the task is
to establish the extent to which the results obtained
apply to general velocity distributions.

For A = 0, the contribution of a particle with the
velocity vector (§u, &v, &w) to the left-hand side of
Eqg. (14) isthe same as that of a particle with the veloc-
ity vector (u, v, w) because the limiting transitions
A —= 0 and A/§ — 0 are equivaent. We thus can
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immediately write the generalization of instability con-
dition (22):

00 TU

Hf (V, 8)P,(cos0)V>sinfdodV < 0. (31)
00

The situation with the expansions of A, B, and C in
powers of A is maore complicated. The replacement of
(u, v, w) by (§u, &v, &w) generates the replacement
AA) — A(MN/E) (and the same replacements for B and
C); hence, the series expansion

A= AQ 1 AAD £ 2\2AP 4
becomes

Consequently, in formulas (25)—(27), the expres-
sions for the coefficients ¢, of the corresponding pow-
ers of A will be different. In accordance with what was
said above, the coefficients in formulas (20) and (25)
are given by the expressions

T

_2n+1, 2.
Ch = = J’J’f(V, 0)P,(cosB)V-sinbdbdV. (32)
0

0

Asfor the formulafor C,, it contains the factor A%
therefore, the coefficients ¢, have some other form:
oo TT
_2n

+1
nT4m

[[ (V. 8)P,(cosB)sinedeaV.  (33)

Finally, formula (27) for B, containsthe factor A, so
the coefficients on the right-hand side of this formula
read

. _2n+1. .
G = =7 IJ’f(V, 0)P,(cosB)VsinBdodV. (34)
00

For some types of velocity distributions, the insta-
bility condition supplementary to condition (31) can be
constructed in arelatively simple way.

(1) Distributions in which the angular variables are
separated from V,

f(V,0) = f,(V)f,(8). (35)

Substituting distribution (35) into expressions (32)—
(34) yieldsthe integrals

1

[f2(8)Py(cos6)sinBde; N =0,1,2,... (30)
0

with different coefficients, which, for all three expres-
sions, are independent of n. Consequently, the expres-
sionsfor A; and C, will differ from those obtained for a
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velocity distribution on a unit sphere only in these con-
stant coefficients; it is obviousthat they will not change
the final results. In complete analogy with condition
(30), a necessary condition for stability is obtained by
equating integrals (36) with n = 2 to zero. In terms of
theinitial distribution function f, this indicates that

00 TT

[[f(V. 8)Py(cos6)snede = o. (37)

(2) Distributions without higher harmonics,
f(V,8) = ¢o(V) + Py(cosB)d,(V).

For such distributions, we naturally have c, = €, =

€, for n = 4 and there remain only the first terms in
expressions (25) and (26),
_AmN,

41c
A= ¢ 2c0s20, C, = % [Co— 2C,P,(c0s0)].

For certain values of g, the product A,C, cantakeon
negative values, except when (a8) ¢, =0 and (b) ¢, =
2Cy,C,<0.

In case (b), instability condition (31) iscertainly sat-
isfied because its left-hand side coincides with c, to
within a positive factor. Stability is possible only in
case (a), namely, for ¢, = 0, which coincides with con-
dition (37). Moreover, even when ¢, = 0, the quantity
A,C, — B2 will be negativeif &, # 0. Hence, for distri-
butions of type 2, the necessary stability conditions
have theform c, = &, =0 or, equivaently,

[ [

IV2¢2(V)dV = J’V¢2(V)dV = 0. (38)
0 0

(3) Nearly spherical distributions
f(V,8) = ¢o(V) +kY(V, 6)

with k — 0. All the coefficients ¢, c,, and €, with
n= 2 are proportional to k. For Kk — 0, the leading-

order term in the expression for A,C; — Bf is

4T, AnN
——=C0S20 ——C,.
5 K>

This term, which is first-order in K, is of variable
signfor c, Z0andisidentically zerofor ¢, = 0. By anal-
ogy with distributions of the previous type, we con-
clude that equalities (38) constitute necessary condi-
tions for stability in acertain range 0 < K <K,,.

Thus, the requirement that there be no electromag-
netic instability severely restricts the class of admissi-
ble velocity distributions. It has been shown that, under
certain additional assumptions, the stability condition
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should have the form of an equality (a conclusion
somewhat unusual for the relevant problems); specifi-
cally, the second zona harmonic defined in one way or
another should vanish. In this respect, the electromag-
netic instability is stronger than the electrostatic one,
becausethelatter manifestsitself when the velocity dis-
tribution deviates substantially from being spherically
symmetric: it may cause aseparation of two beams, and
So on.

Notably, from energy considerations, it follows in
advance that a spherically symmetric distribution (such
that of/dV < Q) is completely stable: according to the
Liouville theorem, any perturbation in this case
increases the kinetic energy of the system [11].

Similar results were obtained in a number of earlier
papers. The result that most closely corresponds to
those presented above was obtained in [12] for an ellip-
soidal velocity distribution. Although the dispersion
relations, as well as the conclusions about the instabil-
ity, are the same as in the present paper, the model of
[12] is more specific in character because it refersto a
particular spheroidal distribution. In [13], a somewhat
different model was considered, namely, a superposi-
tion of two Gaussian distributions. That model, too,
showed the onset of instability for a sufficiently strong
total anisotropy of the particle velocities. Those two
papers concentrated on technical applications and paid
little attention to astrophysical aspects of the plasma
behavior. Thisis why, in my recent work [14], a study
was made of the ultrarelativistic limit (a case opposite
to that considered here) on the basis of amodel of atri-
axia ellipsoidal velocity distribution. Such a distribu-
tion was also found to be unstable, except, of course,
for the particular case of a spherical distribution.

Thelinear approximation used aboveto describethe
electromagnetic instability isvalid only for sufficiently
long waves. The critical wavelength can be estimated
from dimensionality considerations, as is quite clear
from simple case (1), in which it was in fact assumed
that

k < ‘*’—C—P (39)

wherethe Langmuir frequency «, is defined by formula
(2). Thus, for electron densities of about n, = 0.1 cm,
which are more or less typical of interstellar media
[15], formula (39) gives a critical wavelength of A* ~
21k ~ 100 km. So, any of the characteristic spatia
scales in interstellar space is certainly far longer than
A* and the approximation in question is valid. As for
the instability growth rate, it is on the order of the time
required for an average particle to traverse the distance
equa to the wavelength. As a result, the instability
developsin certain astrophysical situations, e.g., at dis-
tances of 10 pc or less and on fairly short time scales
(about half a month).

Note that, here, the particle velocities were always
assumed to be nonrélativistic. In multicomponent sys-

BARANOV

tems, in which the particle velocities can differ by
orders of magnitude, there also may be some additional
phenomena, one reason being that charge transfer by
cosmic rays may sometimes be significant [16].

Finaly, it should again be emphasized that taking
into account the electromagnetic instability severely
restricts the choice of modelsfor describing anisotropic
velacity distributions in interstellar space.
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Abstract—The European Union is creating strict standards for air and water pollution and waste treatment and
implementing aggressive regulations. Compliance with these regulations is impossible without the develop-
ment of new depollution processes involving plasmaor laser technology. Time is one of the major problemsin
monitoring pollutants with the use of the time-resolution laser-induced breakdown spectroscopy technique,
which can perform online analysis without sampling with ahigh level sensitivity for all the species of the Peri-
odic Table. Plasma-enhanced desorption from fly ashes or polluted soils associated with a mass spectrometer
or an optical emission spectrometer allows the monitoring of volatile organic compounds (VOCs) and orga-
nochlorine species in a few seconds. In the last DBD point, we present the treatment of VOCs in air by the
plasmatechnique in order to destroy or trap PAH molecules. © 2005 Pleiades Publishing, Inc.

INTRODUCTION

Pollution isthe contamination of the environment as
a result of human activities (combustion, minera
extraction, chemical plants, energy production, etc.).

Each year in the European Union, we throw away
1.3 billion tons of waste, some 40 million tons of it haz-
ardous. Add to this total a further 700 million tons of
agricultural waste, and it is clear that treating and dis-
posing of all this material, without harming the envi-
ronment becomes amajor headache. Between 1990 and
1995, the amount of waste generated in Europe
increased by 10%, according to the Organization for
Economic Cooperation and Development (OECD).
Most of what is thrown away is either burned in incin-
erators or dumped into landfill sites (67%). By 2020,
the OECD estimates that it could be generating 45%
more waste than we did in 1995.

Thefirst step for the reduction of the pollutant emis-
sion and waste is their identification and characteriza-
tion by fast analytical techniques. European Union is
acting on air, water pollution and waste treatment,
implementing aggressive regulations. The compliance
with these regulations is impossible without the devel-
opment of new depollution techniques.

Therefore the second step must be precisely the
development of such techniques based on plasma sci-
ence.

For the first step in our laboratory we have devel-
oped two techniques for the online analysis of gases:

L This article was submitted by the authorsin English.

() (TRELIBS) Time-resolution laser-induced
breakdown spectroscopy allows identification by
atomic emission of the elements resulting from high
power laser pulse on gases, liquids, powders, or sur-
faces of materials.

(2) (MS) Mass spectrometry on gases desorbed
from surfaces or powders, like fly ashes produced from
municipal solid wastes.

For a second step we have developed thermal
plasma techniques for the vitrification of fly ashes pro-
duced from the municipa solid wastes and DBD dis-
charges for the treatment of (VOCs).

In Section 2 is present the European legidation for
waste treatment. Section 3 is devoted to different types
of online pollutant analysis (TRELIBS and nonequilib-
rium plasma desorption coupled with mass spectrome-
try). The industrial trestment of waste by plasma tech-
niques and DBD processes for VOC elimination from
gases are presented in Section 4.

1. EUROPEAN LEGISLATION FOR WASTE
TREATMENT

The European Union’s Sixth Environment Action
Program identifies waste prevention and management
as one of its top four priorities. It wants to reduce the
quantity of waste goingto “final disposal” by 20% from
2000 to 2010 and by 50% by 2050, with special empha-
sis on cutting hazardous waste.

1063-7842/05/5005-0603$26.00 © 2005 Pleiades Publishing, Inc.
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Table 1. Air emission limit values

AMOUROUX et al.

Pollutants

Air emission limit values

Tota dust

Gaseous and vaporous organic substances, expressed as total organic carbon

Hydrogen chloride (HCI)
Hydrogen fluoride (HF)
Sulphur dioxide (SO,)

Nitrogen monoxide (NO) and nitrogen dioxide (NO,) for existing incineration
plants with anominal capacity exceeding 6 t/h or new incineration plants

Nitrogen monoxide (NO) and nitrogen dioxide (NO,) for existing incineration

plants with anominal capacity of 6 t/h or less
Cd+Tl

Hg
Sb+As+Pb+Cr+Co+Cu+Mn+Ni+V

Dioxins and furans

10 mg/md (#)
10 mg/m?® (#)
10 mg/m?® (#)
1 mg/m?3 (#)
50 mg/m?3 (#)
200 mg/m? (*) (#)

400 mg/m?® (*) (#)

Total 0.05 mg/m?3 (+)
0.05 mg/m?2 (+)

Total 0.5 mg/m? (+)
0.1 ng/m3 ($)

Note: (#) Daily average values; (+) average over aperiod of 30 min-8 h; ($) average over a period of 6-8 h; and (*) until January 1, 2007,
the emission limit value for NO, (does not apply to plants, only incinerating hazardous waste).

The European Union’'s approach to waste manage-
ment is based on three principles:

1.1. Waste prevention: Thisis a key factor in any
waste management strategy. If we can reduce the
amount of waste generated in thefirst place and reduce
its hazardousness by reducing the presence of danger-
ous substances in products, then disposing of it will
automatically become simpler. Waste prevention is
closely linked with improving manufacturing methods

_______________________

i Radioactive products|;
Y S o S
War toxic Hospital Asbestos
contaminated waste dar}gerous
i residues
| | materials Vitrification
S -
5 | Chloroorganic/metal .
2 Catalytic
& | compounds conve};ter Fly ashes
=4 | (resin, painting, h .
% |coating i
Combustion Resin ion i ' Surrounded
organic exchanger: ' of concrete
compounds i ! i .
0 : : t 5 i
Organic ' Rare metals ; Mineral
) Metal :
Electric venergy . ¥ Surface highway
(cogeneration) Light metals:
Sn, Zn, Pb

Fig. 1. Waste products of human activities.

and influencing consumers to demand greener products
and less packaging.

1.2. Recycling and reuse: If waste cannot be pre-
vented, as many of the materials as possible should be
recovered, preferably by recycling. The European
Commission has defined several specific “waste
streams’ for priority attention, the aim being to reduce
their overall environmental impact. Thisincludes pack-
aging waste, used-up vehicles, batteries, and electrical
and electronic waste. EU directives now require mem-
ber states to introduce legislation on waste collection,
reuse, recycling, and disposal of these waste streams.
Several EU countries are already managing to recycle
over 50% of packaging waste.

1.3. Improving final disposal and monitoring:
Where possible, waste that cannot be recycled or reused
should be safely incinerated, with landfills only used as
alast resort. Both these methods need close monitoring
because of their potential for causing severe environ-
mental damage. The European Union has recently
approved a directive that sets strict guidelines for land-
fill management. It bans certain types of waste, such as
used tires, and sets targets for reducing quantities of
biodegradable rubbish. Another recent directive lays
down tough limits on emission levelsfrom incinerators.
The Union also wants to reduce emissions of dioxins
and acid gases, such as nitrogen oxides (NO,), sulfur
dioxides (SO,), and hydrogen chlorides (HCI), which
can be harmful to human hesalth.

TECHNICAL PHYSICS Vol. 50
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Fig. 2. Experimental setup of TRELIBS analysis.
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Fig. 3. Spectral resolution and choice of atomic emission
lines: chlorine and carbon examples.

A recent directive (Directive 2000/76/EC) on the
incineration of waste that was published on December
28, 2000, lays down tough limits on emission levels
from incinerators. Although the volume of waste incin-
eration is predicted to increase across the European
Union in the near future, this directive will lead to sig-
nificant reductions in emissions of several key pollut-
ants. Considerable reductions will be achieved for
acidic gases such as nitrogen oxides, sulfur dioxide,
and hydrogen chloride as well as for heavy metals. Cd
from 16t to 1t in 2005 and dioxins and furans from an
annual 2400 g in 1995to only 10 g.

This directive states the conditions of control and
monitoring of emissions and defines the periodicity of
the measurements.

The Table 1 defines the air-emission limit val ues.

TECHNICAL PHYSICS Vol. 50 No.5 2005
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Fig. 4. Time evolution of emission intensities.
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Fig. 5. Identification of atomic elements from fly ash. The
Ni atomic line at 361.939 nm is overlapped by the Feline at
361.876 nm.
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Fig. 7. Mass spectrum of low pressure argon plasma treatment of fly ash. (Mass of fly ash 0.7 g; power 100 W; Ar flow rate:

284 sccm, pressure 5 Pa.)

2. ANALY SIS OF POLLUTANT
EMISSION

Our purpose isto apply online diagnostics for mon-
itoring of emission gases from incineration of waste
materials. The requirements are rapid responses and
high levels of sensitivity. TRELIBS analysis and
plasma-enhanced desorption of gases coupled withMS
analysis are new methods that meet these requirements.

2.1. TRELIBS Online Analysis[1-4]

The goa of this technique is to identify, using
atomic emission, the elements in any kind of material,
gas, powder, or material surface.

For this purpose, we use aYAG laser (A = 1064 nm)
with an energy beam between 25 to 160 mJ per pulse
with afrequency of 50 Hz (Fig. 2). At the focus of the
lens, the laser beam pul se produces plasmawith adura-
tion of 10 msand asize of 6 mm in length and 3 mmin

TECHNICAL PHYSICS Vol. 50
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Fig. 8. Mass spectrum of low pressure argon hydrogen plasmatreatment of fly ash. (Mass of fly ash 0.7 g; power 100 W; flow rates:

Ar 284 sccm, Hy = 24 scem, pressure 5 Pa)

height. In this plasma ellipsoid, atemperature increase
of 20000 K and, after 500 ns of bremsstrahlung, the
atomic linesfor aperiod of afew microseconds give us
the possibility to, using an optical fiber, a spectrometer,
and an OMA, measurethelight intensity for each wave-
length while a software program gives us the nature of
the elements and their concentration.

The detection limit, the time evolution, and the sto-
ichiometric composition of the molecules have been
found for fluorine, chlorine, phosphorus, and sulfur
(Figs. 3-5).

The measurement lasts for about 10 psin avolume
of afew mm?3 of gas, and the technique permits a sensi-
tivity of 10 g/g. With this technique, we can also
determine the chemical composition of the melted fly
ashes by identifying elements in the bulk (Si, Ca, Mg,
or Al) or heavy metals trapped in the oxides of the
matrix (Ti, Cr, Ni, Mn, Zn, Fe, or Pb).

The main advantage of this method is that, without
any long and complex chemical preparation of the sam-
ples, it can provide direct analysis of solids. The vol-
ume needed for the analysisis a few mm? of gas or a
surface of 100 um diameter for liquids or solids. Only
optical accessto the sampleisrequired, and the risk of
sample contamination is negligible.

This method allows detection and identification of
the main heteroatoms (fluorine, chlorine, sulfur, etc.)
and atomic elements such as Si, Ca, Al, Cr, Mg, Pb, or
Fe in fly ash at very low concentrations (106 g/g).
Another advantage of this method is the use of an opti-
cal fiber to carry and treat the signal far from the loca-
tion of the measurements.

TECHNICAL PHYSICS Vol. 50
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2.2. Nonequilibrium Plasma Desor ption Coupled
with Mass Spectrometry for Fly Ash Analysis
of a Trapped VOC [5-8]

The organic compounds anaysis of powders
trapped in fly ash generally need desorption methods
such asliquid/solider extraction by Sohxlet and GC/MS
analysis. This technique requires along analysis time,
which iswhy we have devel oped alow pressure plasma
desorption process for polluted powders with online
mass spectrometry analysis of the desorbed organic
compounds (VOCs and organochlorine species). The
time from sampling of powdersto MS analysis of the
organocompounds trapped in the powders is only few
seconds.

HCI + ClI content (x107)
80 -

20l 69.5 |
60 - 16 x2.5
50+ »
x18
40 - l
30 ‘ 27
201 12.1
10 39 |
0 / 1 1 |
Under argon Argon Ar+H, Ar+H,

fluidization plasma  plasma plasma + CaO

Fig. 9. Chlorinated mass balance of the desorbed species
(Cl + HCI) for different treatments. Experimental condi-
tions: mass of fly ash 2 g; Ar 300 sccm, Hy = 24 scem, O, =
10 scem; P, = 100 W; P = 1 mbar.
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Table 2. Inventory of chemical species qualified by Soxhlet extraction and GC/MS analysis

Alkanes:

Polychlorobenzenes (2, 3, 4,5 Cl)
Dichlorotetracycloheptane C;HCl,
Ethylmethylbenzene

Benzal dehyde (C;HgO)

Biphenyl (C12H10)
Dimethylbiphenyl (C;4H14)

Sulfur Sg (256)

Phenol C;5H,0, CigHo60

PAHs

Naphtalene

Acenaphtylene

Acenaphtene
Anthracene/phenanthrene
Fluoranthene

Pyrene Chrysene/Benzo(a)anthracene
Benzo(b)fluoranthene
Benzo(k)fluoranthene
Benzo(a)pyrene

Benzo(ghi)perylene/Indeno(1,2,3-cd) pyrene

Alkyl PAHs

Methylnaphtalene

Ethylnaphtalene
Di/tri-methylnaphtalene
Methylphenanthrene

Alkyl phenols

Phosphoric compounds

Triethylene phosphoric acid CgH150,P
Bromic compounds

Terbutylbromomethylphenol (C;5H»30BTr)

Sulphur compounds

Ethylphenylthi opentanone (C3H,50S)
Acethylthienylbutanone (C;qH1,0,5)
Sulfonylbenzene (C15,H10059)

Aromatic compounds
Methylphenol

Ethanol phenoxy (CgH100,)

M ethanonebiphenyl (C;3H400)

This experimental technique is constituted by a flu- An RF generator at 13.56 MHz produces a nonequi-
idized bed in a quartz tube (0.04 m diameter and 0.3 m  librium plasmain the fluidized bed (Fig. 6) of the ash
length) with agasinjection (argon/H,/O,) at the bottom  powder. The OES emission allows the measurement of
and a connection with the vacuum system at the top. the vibrational and rotational temperatures of the

%
100 - 14253 19346
7,035 24.055 31.591
0 5 10 15 20 25 30 35 40 45 50 55 60

Fig. 10. Chromatogram of soluble organic fraction of industrial fly ash.
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Fig. 11. Experimental setup for fly ash vitrification by ther-
mal plasma.
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8000 | Chrome
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Fig. 13. Competition between the desorption of metallic
oxides and metallic chlorides (example of Pb and Cr).

plasma. Analysis of the desorbed organic speciesis per-
formed directly by a mass spectroscopy quadripole
connected by a capillary tube to the reactor.

The use of anonequilibrium plasmafor fly ash treat-
ment provides a specific reactivity where electron
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Fig. 14. The electric barrier discharge system: discharge
plasma reactor.

impact istheinitiation step of the overall reaction with-
out any thermal energy requirements.

The main advantages of thistechnique are the detec-
tion and the monitoring of the chlorine, the organochlo-
rine molecules, and the alkane compounds trapped in
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Fig. 15. Hydrocarbon analysis from CH3CHO air mixture treated by DBD. 1 min at 80°C and 80°C — 240°C at a rate of
10°C/min; 1 min at 240°C and 240°C — 320°C at arate of 10°C/min; N, 20% O,, 1.5% acetaldehyde, D = 1 1/min, d = 6 mm.

CH;COOCHO CO, soot and CH,4 C,H,
1.0% \ polymerization . 0.3%
CH;COOCH, 19.2% C,Hg

0.5%
CH,NO,
0.8%

0.3%

HCHO
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CH,0NO, CH,ONO
2.5% 0.7%

CH;00CH; CH;CHO CH,OH
0.3% 50% 0.7%

CH;0CHO
0.3%

CH,0CH,
0.3%

Fig. 16. Mass balance of hydrocarbons from CH3CHO air
treated in a DBD. N5, 20% O,, 1.5% acetaldehyde, D =
11/min, d = 6 mm, Upk = 10 kV.

the porous structure of the matrix. This process lastsfor
afew seconds. Depending on gas composition (Figs. 7—
9), desorption of chlorine or chlorine acid is observed.
Indeed, when pure argon is used, chlorine is desorbed
preferentialy. In the case of Ar—H, plasma, chlorine
acid is the desorbed species, chlorine does not react
with benzene molecules, and so the chlorobenzene
decreases. Moreover, this technique indicates the pro-
duction of the COCI, phosgene, which is easily synthe-
sized by the reaction between CO and chlorine atoms
from chlorinated metals.

2.3. Soxhlet Extraction and GC/MS Analysis

This technique uses dichloromethane for liquid
extraction of organic molecules trapped in the porous
structure of ash powders. The extraction requires 24 h,
while concentration of the solvent and its analysis need
atotal of 2 h (Fig. 10). Table 2 gives alist of the main
species analyzed by GC/MS. As this technique is very
complex and time consuming, it isimpossible to apply
itin online control of anindustrial process. The GC/MS
analyses of the 75 dioxins (PCDD isomers) and the 135
furans (PCDF isomers) done by the team M.F. Gonnord
showed the concentration in ng/g and the nature of the

isomers of PCDD and PCDF that have been identified.
The European regulations of these compounds
(0.1 ng/N m?3) require a very long analysis procedure
and, consequently, are very expensive.

3. PLASMA PROCESSES FOR INDUSTRIAL
TREATMENT OF WASTE MATERIALS
AND POLLUTANTS

The two methods that have been developed in the
laboratory and used in industry are plasma vitrification
of fly ashes and VOC elimination by DBD plasma pro-
Cess.

3.1. Plasma Vitrification for Ash Powders[9-17]

Arc plasmaor RF plasma (Fig. 11) are used for ash
powder treatment in order to reduce the volume and to
produce a melted material that resembles slag.

Thermal plasma induces heating of the fly ashes,
and melting of the matrix creating a slag. The result is
the evaporation of volatile oxides or chlorines and
heavy metals (Figs. 12 and 13) trapped in the melted
slag (aluminosilicate matrix). The efficiency of the pro-
cess depends on the fusion temperature. In order to
reduce the fusion temperature of the slag, calcosodic
materials are added. The evaporation depends on the
plasma gas composition, and the competition between
oxygen and hydrogen modifies the complex equilib-
rium composition as predicted by complex chemical
equilibrium calculation.

3.2. Plasma Depollution by DBD Process
for VOCsin Gas Flow [18-23]

The DBD discharge isahigh speed electrical break-
down between a high voltage electrode and a ceramic
grounded material. The gasis blown through the gap of
the two electrodes, and an electrical discharge of afew
nanoseconds (50-100 ns) is produced. The energy con-
tent of afew nanocoulombs leads to dissociation of the
main molecules of the gas by electron impact and the
formation of radicals from the VOC.

TECHNICAL PHYSICS Vol. 50
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Fig. 17. Chromatogram exhaust gas composition from air CH3CHO (1000 ppm) mixture treated in a DBD reactor N, 20% O,

1.5% acetaldehyde, D = 1 1/min, d = 6 mm.

The high kinetic rate of these excited species are
responsible of molecules destruction, oxidation, or
polymerization. Thus, a large part of the VOC is
destroyed. The experimental devices have amultipoint-
to-plane geometry (Fig. 14) or cylindrical geometry

TECHNICAL PHYSICS  Vol. 50
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with a high tension screw electrode in the center. These
two main techniques are used for gas treatment. The
mass balance from Fig. 16 gives some details of the
excited phenomena responsible for the oxidation of
CH;CHO as an example of an organic pollutant.
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The processis suitable for the elimination of hydro-
carbon vapors or solvents from industry such as com-
bustion, painting, solvents, printing, etc.

CONCLUSIONS

Plasma processes for depollution open new routes
for gas treatment, toxic powders such as fly ashes, or
chemical waste destruction. The main plasma processes
usean arc jet for solid treatment, fluidized bed for halo-
gen organic molecules, and DBD reactors for VOCsin
very low concentrations in industrial emission gases.
However, online gas analysisis akey for optimization
of the processes through the working parameters.
TRELIBS and non-plasma-enhanced desorption and
mass spectrometry analysis, due to their high sensitiv-
ity and short time of analysis (less than 1 s), can meet
the requirement of EU regulations for *“continuous
monitoring of emission pollutants.” Also, the short res-
idence time of toxic compounds in the plasma reactor
allows decreasing the toxic risk of the treated material
or gas, and these dry processes using arc discharge or
streamers are very flexible techniques that agree with
large modifications of the chemical composition of
waste compounds.
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Abstract—Adiabatic invariants occurring in the dynamic Laue diffraction of X rays, high-energy electrons,
and thermal neutrons are cal cul ated for asymmetric scattering by regularly strained crystals. A criterion for adi-
abatically smooth variations of strain is found using a generalized pendulum analogy. The conceptual equiva-
lence of the adiabatic and ray modes of Bloch wave propagation in strained crystalsis established. © 2005 Ple-

iades Publishing, Inc.

INTRODUCTION

The concept of adiabatic invariance, which origi-
nates from classica mechanics, has been extended to
variousfields of contemporary physics[1-4]. Thiscon-
cept was used to greatest advantage in guantum-
mechanical applications, as well as in nuclear physics
in designing magnetic traps. However, it has not been
applied to the problems of dynamic diffraction of
X rays, electrons, and neutrons by regularly strained
crystals. At the same time, keen interest in such prob-
lems stimul ates el aboration of theoretical methods tak-
ing into account multiple scattering by the strained
crystal lattice. Thus, analysis of adiabatic invariance of
the above processes seems to be a promising trend
toward developing new analytic approaches to prob-
lems of such a sort.

In this study, the adiabatic invariants of the dynamic
theory are determined for asymmetric Laue (transmis-
sion) diffraction. The invariants are valid for the dif-
fraction of X rays, high-energy electrons, and thermal
neutrons (provided that spin-dependent interaction is
negligibly weak) owing to the equival ence of the corre-
sponding equations of scattering. It should be noted
that our results are correct when the displacement field
slowly varies with distance. Therefore, bearing in mind
asymmietric diffraction conditions, we worked out acri-
terion of adiabatically smooth lattice distortions. We
believe that the invariants calculated here may be of
interest in solving nonlinear equations of the dynamic
theory. These equations would be much more readily
integrable if the corresponding adiabatic constants
were known. In this respect, it is worthy to note a non-
linear Riccati-type equation derived for the reflection
coefficient [5], which can be solved in terms of the con-
cept of adiabatic invariance.

ADIABATIC INVARIANTS FOR ASYMMETRIC
LAUE DIFFRACTION

Assuming that lattice strains are smooth, we will
solve the problem of adiabatic invariance under the
most general asymmetric conditions of transmission
diffraction. Inthiscase, for amplitudes @, |, of thefields
of the transmitted and diffracted waves in a regularly
strained crystal, we can write the Takagi—Taupin equa-
tions [6], which are valid for X rays, high-energy elec-
trons, and thermal neutrons if nuclear scattering is
strong,

Oyorge? = imaexp{ih [l +is3 ®, +imo, (1)

2 do
%/hd_zh = ing,exp{—ih (L —is3 ®y+iTC,®;. (2)

Here, quantities ®, , may describe the corresponding
amplitudes of the electric displacement field for X rays
or the coordinate part of the wave function for electrons

or neutrons. In these equations, 0y, = A/YoYn//No, b
where/\q ,, arethe extinction lengthsin the directions of
the transmitted and diffracted beams; y, and v, are the
cosines of the angles between the normal to the crysta
surface and the propagation directions of these beams;
sisthe deviation from the position of Bragg reflection;
and u is the grain field, which is regarded as one-
dimensional and varying along the z axis, which is
aligned with the normal to the crystal surface. Field u
corresponds to regular strains in the crystal lattice,
which may be associated, for example, with bending, a
single dislocation, an ultrasonic wave, etc. It should be
noted that, in the case of electron diffraction, the system
of Egs. (1) and (2) is aso referred to as the Takagi—
Howie-Whelan equations, which are derived in the col-
umn approximation of the scattering theory [7].

1063-7842/05/5005-0613$26.00 © 2005 Pleiades Publishing, Inc.
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The adiabatic invariants corresponding to the dif-
fraction problem formulated can be determined without
resorting to the Takagi—Taupin equations. One may use
an approach [8] that is based on determining the adia-
batic invariants for the pendulum model. Generalizing
the above to asymmetric diffraction conditions,
we make the following change of variablesin Egs. (1)

and (2):
CDo h H Yo 1 1%
Do = +
0,h ,—yo pD 2/\0@0 (3)

xexp{zih[L/2+isz/Z} .
Substituting (3) into Egs. (1) and (2), we abtain

dPon _

e &) ®an, (4)

a‘”z‘z’&ah,o TP -
Yo

where coefficients £ and £ have the form

1.2 _ kYo 1, Yo
° [ Dlvh% +4/\§}' ©

In expression (5), we use the standard designations
for the deviation, B = (h [du/dz + 9)/k + y,(1 —
VilVo)/ (KA\), and the magnitude of the incident wave
wavevector, k. It is also worth noting that coefficients

{2 correspond to those variablesin the dynamic the-

ory defining, in the reciprocal space, the distance from
points of excitation on the dispersion surface to the
asymptote of the incident beam, which passes through

the Lorentz point. Variables Eél) and Eéz) then corre-

spond to the points of excitation on the lower and upper
branches, respectively.

The Takagi—Taupin equations represented in form
(4) make it possible to pass from the diffraction prob-
lem to an equivalent mechanical problem with known
adiabatic invariants. In our case, such an analogue is a
mechanical system of two weakly coupled pendulums
with different massesfor which the following equations
of motion are valid within sufficiently small time inter-
val At:

kYo

+
4\/hB

|mloo2¢ (Wi —wd)
+
20, >t 4w,

¢12:

Here, w, , = (k/my »)Y2 and wy, = (g/l)V2 are the frequen-
cies, wherem, ,, K, g, and | are the masses of the pen-
dulums, coefficient of elasticity, free fall acceleration,
and length of the pendulum suspension, respectively.
Equations (6) written in “slow” angular variables ¢ ,
differ from the conventional Newton equations in that
the former do not contain second-order derivatives.
These derivatives will be negligibly small, because the
oscillations are subdivided into a “slow” component
and “fast” component with high frequency wy = w, +

01,2 (6)

SHEVCHENKO, POBIDAILO

w5, Where w, is the beat frequency. Over time interval
At considered, masses my , of the pendulums (hence,
frequencies w, ,) are assumed to be constant; conse-
guently, we can establish local equivalence relations
between the parameters of the diffraction and mechan-
ical problems. It follows from equivalent equations (4)
and (6) that these relations have the form

¢1’2 — cDO,h and (1)1,2 — 2 (()l‘ 2) (7)

Wy — Yo-

Relations (7) show that an angular deviation from
the exact Bragg condition dueto aregular strain or scat-
tering asymmetry can be simulated by varying the
masses of the pendulums in the given mechanical
model. Then, as for a perfect crystal under symmetric
diffraction conditions (s = 0), we must set m; = m,. It
should also be noted that the pendulum analogy pro-
posed here remains correct in the case of extremely
high strains, when the points of excitation are beyond
the two-wave region of alocal dispersion surface. It is
known that, under such conditions, energy exchange
between the transmitted and diffracted waves ceases
and the refraction mode sets in. Obviously, a similar
process will also be “observed” in terms of the pendu-
lum model. Indeed, setting 3 > O for definiteness and
assuming that £5” > &2 we can easily derive from
relations (7) the equivalent condition m, > my; under
this condition, energy transfer between the pendulums
ceases [9]. Naturaly, the generalized pendulum anal-
ogy of asymmetric diffraction suggested here appliesto
X rays, high-energy electrons, and thermal neutrons.
Provided that the masses slowly vary with time, the adi-
abatic invariants in the mechanical system will be vari-
able actions

L,
., (8)

Here, [E[{ , are the pendulum energies averaged over
period T, , =21WQ; ,, where Q, , arethe frequencies of
normal pendular oscillations. It is clear that to calculate
[(EL , requires that the Lagrange function correspond-
ing to the vibrations of coupled pendulums with vari-
able masses be diagonalized. Passing to variable ¢ ,
and assuming that frequencies w, , are functions of
time, we derive from Eq. (8) the expressionsfor | ,,

9)

Here, ¢, are the respective amplitudes of higher and
lower frequency oscillation modes into which the slow
oscillations of the first pendulum split.

Taking into account relations (7) and using Eq. (9),
we can easily find desired adiabatic invariants C, , of
the diffraction problem,

Cio = (1+E5"2IE§

|12_

(10)
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where @ are the amplitudes of the transmitted wave
that correspond to the upper and lower branches of the
local dispersion surface.

It should be noted that the adiabatic invariants of the
dynamic theory can be represented in different ways.
For this purpose, we transform wave field amplitudes

®: using the obvious relationships ®n/®; =
+,/880 27821 Takinginto account theserelationships,
which are valid within asmall neighborhood of point z,

we can derive from (10) adiabatic invariants P; , and
Ry ;> intheform

o] el
P — 0 0,h , — 0, h 11
1,2 E)Z' 1)|(Da h| 1,2 |CD;’ O| ( )

Asusual, the adiabatic invariantsin expressions (10)
and (11) are accurate to within a constant factor inde-
pendent of the variable. Invariants C, , can be assigned
asimple physical meaning. It iseasy to check that these

constants coincide with normal components S and J;,

of the triply averaged Poynting vector and probability
flux density vector for the corresponding Bloch waves
(we mean here averaging over time, lattice period, and
extinction length).

Using the pendulum analogy, one can also find the
conditions under which the concept of adiabatic invari-
ance applies to dynamic diffraction. To this end, it is
necessary to apply the condition of slow time variation
to a certain characteristic parameter of the mechanical
problem (beat frequency w, is best suited to this case).
Next, with local relations(7), thefollowing criterion for
adiabatically smooth strainsin the crystal lattice can be
derived:

Kd—g < N7 (12)

It was shown [10] that thisinequality coincideswith
the condition of applicability for the Kato ray theory
[11]. Thus, we may trace a correlation between the con-
cept of adiabatic invariance and the idea of ray (geo-
metrical) propagation of Bloch wavesin crystalswith a
regularly distorted lattice. In our opinion, thisinference
would be helpful in deducing new fundamental laws of
dynamic diffraction of X rays and elementary particles
in imperfect crystals.

CONCLUSIONS

The concept of adiabatic invariance as applied to the
theory of diffraction appears to be worthy of noting.
Indeed, in view of the adiabatic nature of intrabranch
scattering, the interbranch transition between the
branches can be treated as transient beats, which reso-
nantly build up when the strains are high [12]. In addi-
tion, the adiabatic invariants calculated here are
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expressed in terms of the universal parameters of the
dynamic theory. This, inturn, makesit possibleto unify
the definition of adiabatic constants when the methods
of X-ray, electron, and neutron diffraction are used.
This circumstanceis of special significance for neutron
diffraction analysis, since it is usually combined with
X-ray and electron diffraction investigation. It should
be noted that much interest in the theory of dynamic
diffraction of thermal neutrons by thick single crystals
has recently arisen owing to technological break-
throughs favoring related experiments [13, 14]. In this
respect, it would be appropriate to indicate the possibil -
ity of devising a dynamic approach based on the
asymptotic methods used in the theory of nonlinear
vibrations [15]. The pendulum analogy of asymmetric
Laue diffraction proposed here could serve as a solid
basis for such an approach.
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Abstract—A theoretical explanation for the |-V characteristic of type Il superconductorsin the vortex stateis
provided. The run of the experimental |-V curves is associated with discontinuities and depends on the exper-
imental prehistory. It is conjectured that dynamic phase transitions occur in the network of mobile and immo-
bile channels along which the vortices travel when a transport current is applied. This work has been done on
the author’s own initiative. © 2005 Pleiades Publishing, Inc.

The phenomena associated with dynamic phase
transitions (DPTs) in mobile vortex structures (VSs)
that are observed in type Il superconductors constitute
a challenging area of the physics of vorticity. Such
DPTs, or crossovers, occur when the VS order changes
under the action of external effects (current, magnetic
field, rf field, etc). Change of order is frequently
observed in periodic structures moving in the field of a
random potential. A similar situation isalso commonin
adjacent areas of physics and is encountered, i.e., in
studying Wigner crystals, charge density waves, mag-
netic domains, and so on. Investigation into DPTs
touches upon a number of dynamic issues, specifically,
strains due to vortex motion, mutual arrangement of
vortex lines, and 1-V characteristics. Strains associated
with VS motion can be both elastic and plastic. Plastic
strains, in turn, are due to prehistory-related hysteretic
phenomena. Plastic dynamicsis an intriguing aspect of
DPTs. Numerous studies of flux plastic flow (FPF) car-
ried out both numerically [1, 2] and experimentally [3—
5] showed that the FPF conditions set in when acertain
threshold is exceeded. This threshold correlates with
the values of transport current, pinning forces, and
other parameters.

FPF can also arisein acurrent-induced defect super-
structure associated with a vortex density gradient [6].
Inthisregime, thel-V curveis, asarule, highly nonlin-
ear, contains steps, and may be even of a hysteresis
character, depending on the prehistory, and a plethora
of dynamic effects is observed. In the case of FPF, the
vortex structure is partitioned into regions (channels)
with different kinds of motion [7]. Not only vortex
motions through the channels but also interaction
between the channels may be different. Some of the
channels remain stationary, while others move. Some-
times, the motion of the channels is akin to that of
pieces of ice relative to each other. When moving, the

channel system may reconfigure: new channels arise
and the old ones collapse. There may appear bottle-
neck-like constrictions in them. Plastic dynamics has
been the subject of investigation in a number of papers
[8-11].

It was shown [12] that, when the flux flows near the
plastic—€lastic crossover in avortex glass, the dynamic
friction force increases. An increase in the transport
current gives rise to the following DPTs. At extremely
low currents, the pinning state is observed. As the cur-
rent grows, first elastic and then plastic flux flow arises.
With a further increase in the current, the lattice
becomes ordered. Similar results were obtained in [13]
for disordered vortex structures. In particular, it was
found that first hexatic ordering appears at acertain cur-
rent and then the FPF of vortex liquid arises. Asthe cur-
rent increases further within the range of hexatic order-
ing, the differential resistance drops. It was found
experimentally [14] that the plastic flow of defects
causes the differential resistance to drop because of
vortex ordering and, hence, a decrease in the dynamic
friction. Hysteresis and FPF-related steps in the |-V
curve are also observed. At high currents, dynamic
ordering takes place. A microscopic motion of vortices
can hardly be seen experimentally; however, numerical
simulation allows studying vortex microdynamics[15].
In [15], the FPF and, at high currents, a vortex crystal
were also observed. It was found that the motion in the
FPF range is bimodal and the histograms of the mean
velocities have two peaks. The first one corresponds to
the dow motion, i.e.,, the motion of vortex islands,
which are pinned during most of the time. The second
peak, observed at higher velocities, is associated with
the fast vortex motion through the channels around the
pinned islands. The bimodal pattern of the velocity his-
togram reflects the spatial nonuniformity of vortex
instantaneous vel ocities. Under the FPF conditions, the

1063-7842/05/5005-0616$26.00 © 2005 Pleiades Publishing, Inc.
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width of the mean velocity distribution is much larger
than zero and but equals zero at the coherent mation.
The first depinning threshold separates vortices with
zero and nonzero velocities of the center of mass.
Above the second depinning threshold, all vortices are
depinned. In the range between the first and second
thresholds, some vortices move, while others are fixed.
Above the second threshold, al the vortices move but
the width of the mean velacity distribution is nonzero;
i.e., the motion is plastic. The peak in the differential
resistance appears when the current somewhat exceeds
the value at which the number of pinned vortices
decreases drastically and the defect density declines
[16]. Nonequilibrium processes, such as hysteresis,
dependence on the prehistory, and flux inhomogeneity,
are also associated with specific features of the FPF and
influence the 1-V curve and the dependence dV(l)/dlI,
where | isthe current and V isthe voltage. Many peaks
in this dependence were found experimentally [17].
Presumably, they are related to discontinuities in the
vortex lattice under the FPF conditions. Voltages V due
to vortex motion are proportional to product N, (v {V [
N, vD), where N, isthe number of vortices moving with
velocity v and [ Cimeans vel ocity averaging over space.
Then, the differentia resistance is given by Ry =
N, [dlVI], where the term in the brackets is propor-
tiona to the friction coefficient. By analogy with the
critical phenomena, it can be assumed that the power-
law scaling |-V dependence for continuous depinning,
which corresponds to a vortex liquid, hastheform V [

(I —1.)% , where ol is the critical index. Under near-
FPF conditions, thefriction coefficient will be asmooth
function of the current and the differential resistance
will vary by a saw-tooth law under the FPF conditions.
If N, also depends on the current, the saw-tooth pattern
of dN,/dl will correlate with the peaks and dips in the
curve dV(l1)/dl. Such a saw-tooth pattern would be evi-
dence that depinning proceeds irregularly and the volt-
age spatial distribution is nonuniform. With increasing
current, depinning is accomplished piecewise. In this
case, V [ n; L; [] each of the channels or teeth contrib-
uting to R,. Every “piece” can be described in terms of
the time-averaged correlation length of velocity. In the
range where the |-V curve has steps, the dependence of
the 1-V curve on the prehistory is also observed. A
higher mobility observed near the steps persists when
the current decreases. Thisis associated with thetransi-
tion between metastable states. One can trace an anal-
ogy between this process and the coexistence of differ-
ent phase states at the first-order phase transition. Steps
in the |-V curve and its dependence on the prehistory
were also discovered in [18-21]. In most of those
papers, such processes were also explained by the coex-
istence of dynamic metastable variously ordered states,
FPF, channels, and two-stage depinning. It was also
noted that overheated states may appear as the current
decreases and that the -V curve has no jumps in these
conditions.
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1=V curve taken of BiSrCaCuO platelets placed in a mag-
netic field.

Inthis paper, the author reportsatheoretical study of
|-V curves taken of BiSrCaCuO platelets placed in a
magnetic field. Experimental data discussed below
were courteously submitted by Ogrin[22]. Specifically,
the -V curveswere taken of BiSrCaCuO platelets mea-
suring 0.8 x 0.3 x 0.01 cm, which were placed in mag-
netic field Hy = 1500 Oe (directed normally to the sur-
face and paralld to the ¢ axis and Z coordinate axis) at
79 K. A direct current passed along the Y axis. The -V
curves behaved asfollows. Asthe current wasincreased
for the first time, the |-V curve (hereafter, the curve)
passed through points A, O, B, E, C, and D (seefigure).
If the current started decreasing from a value above
point O, the curve passed through points D, F, O, and A.
When the current wasincreased for the second time, the
result depended onthe minimal current valuein thefirst
experiment. If the minimal current was lower than at
point O, the hysteretic behavior was repeated. If the
current was higher than at point O, the curve followed
portion OED irrespective of whether the current was
increased or decreased; in other words, the behavior of
the curve depended on the experimental prehistory.

According to [23], theVSisin theliquid state under
our experimental conditions. There aretwo typical time
scales 1, and Ty, in an ordinary vortex liquid: the char-
acteristic pinning-related scale and the characteristic
thermodynamic scale in the liquid. Since 1, > Ty,
averaging over thermal fluctuations resultsin a homog-
enous unpinned structure. However, in aviscousliquid,
which may undergo plastic deformation, one more
characteristic time scale related just to plastic deforma-
tion, T, > T, appears. In the case of averaging over
plastic-deformation-related times, therma averaging
over time will be incomplete; therefore, a vortex liquid
may be pinned by arandom potential [24, 25]. Inaplas-
tic vortex liquid, two ohmic regimes are established: at
high current densities (flux flow) and at low current
densities. Between them, an intermediate highly non-
linear regime of thermally activated flux flow (TAFF)
occurs. Inthisregime, the current is a power-type func-
tion of the voltage, with the exponent exceeding unity.
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Theinitial part of the curve obtained in the experiments
isohmic and reversible. The reversible part is followed
by the irreversible part, where the curve is nonlinear
(power-type) and has a positive curvature. Such a pic-
ture corresponds to the initial part of the TAFF. Above
point O, the curve exhibits steps, hysteresis behavior,
and dependence on the prehistory. It can therefore be
assumed that, above point O, we are dealing with the
plastic TAFF of the vortex liquid and that the DFT to
the plastic flow conditions takes place at point O. Inthe
plastic flow range, the vortex liquid is metastable and
exhibits many metastable states with their own energy
minima. At the elastic—plastic flux flow transition, the
vortex system is partitioned into channels, which are
stationary, near-stationary (moving with very small
velacities), or mobile. Some of the vortices that are
fixed or become less maobile, passto the system of more
intense pining centers with the formation of corre-
sponding (stationary or near-stationary) channels. The
rest of the vortices, which produce mobile channels,
conversely, pass to the system of less intense pinning
centers. In systems with similar |-V curves, the depin-
ning process may go in two stages. If such systems have
channels with different mobility, estimation of the crit-
ical current must include two values of the effective
critical current: J, for the threshold of partial depin-
ning and J., (J., > J.,) for complete depinning. Let us
estimate J,; and J, using the following line of reason-
ing. Pinning in a vortex liquid is much weaker than in
the other phases; therefore, for bismuth cuprates, we
shall take the mean value of the critical current J. =
10* A/cm?, according to [26]. In the experiments, the
mean current density above point O is 2 x 10? Alcny;
S0, it can be assumed that the critical current of partial
depinning is J,; = 103 A/cm? and J,, = 10* A/cm? isthe
critical current of complete depinning. If it is supposed
that J; < J. in the maobile channels, then we must admit
that they are in the region near the region of partial
depinning and, that, in the stationary channels, J., > J,
(J, is the current density in the stationary channels).
The stationary channels are far from depinning. Now
let us estimate the characteristic timesin the vortex lig-
uid. The time of therma fluctuations is T, =

8k2a’ /c?p,, where K is the Ginzburg—Landau parame-

ter, py, is the resistance of the normal phase, a, the lat-
tice parameter, and cisthe speed of light. Putting k = 50,
ay=1.1cm™, and p, =50 uQcm, weobtain Ty, ~ 10 s,
To estimate characteristic time of pinning t,,,, we will
reason as follows. The pinning time is Ty, = ryiy/Ve. In
the vortex liquid, = & + (U, (¥2, where (Ui, 2 isthe
mean square of thermal fluctuations and & is the coher-
ence length. The mean square of thermal fluctuations
can be estimated from the Lindemann criterion for vor-
tex lattice melting, mfh [¥2 = ¢ a, (¢, isthe Lindemann
number). Parameter v, is determined from the critical
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current values described above. Then, 1,, ~ 10%° s.
Considering that point O manifests the transition to the
FPF, so that typical times of VS motion become equal
to the time of plastic deformation, T, and estimating
the characteristic time of vortex motion at point O from
the experimental data, we find that 1, ~ 10 s. It then
follows that the conditionsfor vortex liquid pinning are
satisfied; hence, the liquid under study is pinned. Such
aviscous vortex liquid exists only in the range of long
times, T > 1, > Ty, For processes characterized by the
intermediate time scale, T, < T, < Ty, (T, is the charac-
teristic time of vortex motion in the range of plastic
flow), T, = ay/v, where v is the vortex velocity. In this
timerange, avortex liquid isin many ways similar to a
vortex crystal. In particular, the shear modulus of such
avortex liquid equals cg. In the case under consider-

ation, we havet, = =107 s. Thus, the vortex liquid stud-
ied issimilar to avortex crystal in elastic properties.

Now let us turn to processes arising as the current
increases. Such of them lead to arisein the differential
resistance. These may be (1) ordering, which resultsin
anincreaseinthe dynamic friction; (2) expansion of the
mobile channels; and (3) an increase in the velocity in
these channels. A combination of several mechanisms
is adlso possible. The increase in the differential resis-
tance is observed in the portion near point E, where a
small increasein the current causes adrastic increasein
the voltage. Then, as the current increases further, the
arising dynamic configuration becomes energetically
unfavorable. However, it may exist as an overheated
state, since a radical reconfiguration of the system
requires that the barriers for plastic flow be overcome
and that the system transform into a new set of pinning
centers. When the transport current becomes suffi-
ciently high, the system is capable of overcoming the
barriers. In this situation, some of the channels collapse
and a bottleneck-like configuration, along with a new
channel distribution, may appear. Some of the vortices
become captured by the new pinning centers and stop.
This process corresponds to the descending portion of
the curve. Asthe current goeson rising, the processwill
be repeated but with another initial current and another
initial channel distribution. Switching from one chan-
nel system to another correspondsto portion CD, and a
new cycle starts at point D. After the channels have
been rearranged, the current stars decreasing and the
state of the system corresponds to portion D'FO, since
the system is already in a new energy well and cannot
overcome the energy barriers. As the current increases
for the second time, two scenarios are possible. If its
minimal value at the time of decrease exceedsthe value
at point O, the system remainsin the same energy well,
in which it was when the current decreased. This is
because the energy stored in the system does not suffice
to overcome the energy barriers preventing the system
from being transferred to the energy well correspond-
ing to portion OC. If the minimal value at the time of
decrease is less than the value at point O, the system
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fallsinto the range of elastic flow, where plastic defor-
mations are absent. In other words, the system returns
to the state where it had no memory. In this case, the
primary process is repeated as the current grows.

At point C, the energy increases to the point where
the system can overcome the energy barriers and pass
to the state corresponding to a neighboring metastable
energy minimum. Let us estimate the free energy of the
system at points C and D and the related energy barrier.
The system’s free energy can be expressed by

F = I(F;}g+ FY —FM)dv, "
+[(F+ Fa —FL)av,,

where upper and lower indices“1” hereafter refer to the
mobile areas and indices “2,” to the stationary ones,
V; and V, are the current-dependent volumes occupied
by the mobile and stationary areas, respectively; and
Fon Fa, FL are the densities of the pinning force
energy, elastic deformation energy, and Lorentz force
energy, respectively.

When estimating these energy densities, one should
bear in mind the following. If avortex is captured by a
pinning center, its maximum possible displacement is
on the order of the pinning center size. However, this
statement isuntruein the case of thermal creep[23, 27].
During thermal creep, vortices jump to a much farther
position; in this case, the displacement is much larger
than when they are pinned. Using estimates madein the
papers cited, we can put u; = Xu,, where u isthe vortex
displacement (x > 1).

When the current is applied under the TAFF condi-
tions, the vortices jump from one metastable state to
another that is energetically more favorable at the given
current. A new optimal state can be determined from
the condition that the energy contribution from the
Lorentz force is equal to a change in the energy of
deformation and pinning. For near-critical current val-
ues, this condition is satisfied for a neighboring meta-
stable state. In such transitions, which occur at low cur-
rent densities, a vortex is bound to travel a large dis-
tance. For pinned channels, where J, > J,, adjacent
metastable energy levels are spaced by the barriers [23]

U= U

For the plastic flow of avortex liquid, U, 00Uy, crit-
ical index W is[/7 [25]. In the mobile areas, the energy
barriers between adjacent metastable states are on the
order of

U@d,) = U%L JlD

where a is the critical index that equals unity in the
Kim—Anderson model.
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To make estimates, we assume hat J; = X;J4 and

= X5 J.1, WhereX; < 1. It was shown [23] that the dif-

ference in the displacements of the pinned and mobile
vortices leadsto the differencein pinning energy that is
of the same order of magnitude. With the aforesaid
taken into account, we get

U
Fasxi-3H, FasulE. o

The Lorentz force energy density can be estimated
asfollows:

FL = %JBU, 3)

where J is the transport current density and B is the
external magnetic field.

Using the sameline of reasoning asin estimating the
displacements of the mobile and fixed areas and taking
into account that the pinning center sizein apinned vor-

tex liquid isr, = [ig, = ¢ 8, < 8, we obtain
1 1
F(Ll) = EXchLaoB, FI(_Z) = 6X1~]10LaoB- (4)

The mean current density at point C, J©, isequal to
2.2 x 102 Alcm?; at point D, J®) = 2.3 x 10 A/cm?. The
current difference between pointsC and D isAJ=0.1 x
10?2 Alem? < J© D) Inlight of this, we suppose that the
basic thermodynamic values (the current-dependent
Lorentz force and pinning force energy densities),
change insignificantly in passing from point C to point
D. A change in the éastic energy density, which
depends largely on the magnetic field, is also assumed
to be negligible. Thus, in passing from point C to point
D, achangeinthe volumes of the mobile and stationary
channels due to channel rearrangement makes a major
contribution to a change in the free energy. Also, in
passing from point C to point D, achangein the current
goes in paralel with a change in the voltage. At point
C, the voltage is V(© = 72 mV; at point D, VO =
67.8 mV. Thus, the change in the voltage equas
AV© D) =42 mV. The difference in the power between
points C and D isAN = 1.5 x 10* erg/s. For estimation,
we assume that the energy rel ease due to anegative dif-
ferential resistance reflectsthe fact that some of the vor-
tices turn into a new metastable state with a lower
energy. The plastic vortex flow results in the transition
from state C to state D. Therefore, we suppose that time
Ty Characterizing this process is associated with plastic
deformation and also take into account the displace-
ment of the vorticesunder creep [23]. With thisin mind,
we estimate Ty as Ty = TyX and the energy barrier
between states C and D as AE = ANty This energy bar-
rier can be neglected, since the difference in the volt-
ages and currents between points D and D' is much
smaller than the voltage and current differences
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between all other points considered. Then,
[-(FY-F) + (F&' ~F&)

+(Fla—F2)]av = AE.

)

Here, AV = V{9 — v{® = (v — Vi), For estima-
tions, we assume that the sum of the second and third
termsin the parenthesesin Eg. (5) isequal to the energy
density of the barriers separating the metastable states.
To determine this energy density, we estimate the criti-
cal volume in the vortex liquid reasoning as follows.
Supposethat the critical force corresponding to the sec-
ond threshold of depinning is given by

]
Fczz_C

A u=c_a,.

Taking into account that U, = U, for the plastic vor-
tex liquid, where Uy, can be approximated as

0%y
Un=¢€a, €= Tk

and neglecting the second-order terms, we arrive at

v, = Ya e’

e

AV = AE .

1 Up it et
[CchLaoBX + Vc[ 3.0 leJZD H

(6)

Substituting the experimental and calculated data
into Eq. (6) yields AV = 5 x 10 cmd. The volume of
the platelet is about 2.4 x 10 cm?. Comparing the
platelet volume with the DPT-related change in the vol-
ume of the mobile regions shows that the volume of the
stationary regions is roughly 2% of the total volume.
The DPT-related changein the voltageis al so about 2%
of itsvalue.

The voltage due to vortex flux flow in type |1 super-
conductorsis proportional to the density of mobile vor-
tices. Hence, achangein the voltage is bound to be pro-
portional to a change in the number of mobile vortices,
which is consistent with the estimates made in this
paper and confirms the assumption that a dynamic
phase transition is responsible for a voltage step in the
-V curve. Thus, it is shown that the mobile vortex sys-
tem in type Il superconductors exhibits a DPT and this
DPT is associated with the rearrangement and collapse
of the channels through which the vortices move. As a
result, a descending branch of the |-V curve appears.
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Abstract—The shock wave pattern in zinc single crystals compressed in the direction normal to the basal plane
of the crystal is traced with a high time resolution. In this geometry of the experiment, plastic deformation of
the zinc is found to begin at a shock compression pressure above 15 GPa and is not accompanied by splitting
of the shock wave into an elastic precursor and a plastic compression wave. © 2005 Pleiades Publishing, Inc.

INTRODUCTION

Shock waves in elastic—plastic materials are known
to be unstable because of the difference in the longitu-
dinal compressibilities in the elastic and plastic strain
ranges and, therefore, split into an elastic precursor and
a shock wave of “plastic’ compression in a certain
stressrange[1]. Theelastic precursor amplitudeis mea-
sured for determining the yield strength of amaterial at
submicrosecond loading times [2]. However, when
experimenting with zinc single crystals [3], we found
that the shock wave remainsintact at a certain geometry
of the experiment. Figure 1 shows typical free-surface
velocity profilesin planar single-crystal zinc specimens
variously oriented relative to the loading direction that
were subjected to shock compression [3]. The compres-
sion waves are seen to be radically different depending
on the direction of their propagation.

Zinc has a hexagonal close-packed (hcp) structure
with an anomalously large | attice parameter ratio, c/a=
1.856 (the “ideal” ratio for the hcp lattice is c/a =
1.633). Therefore, atomic bonds in a basal plane are
much stronger than those between basal planes and the
compressibility of zinc in the direction normal to the
basal plane is well above that in the transverse direc-
tions. According to a review [4] devoted to the elastic
properties of zinc, its compressibility in the axial direc-
tion is very close to the bulk value. Because of this,
deviator stresses arising during uniaxial compressionin
the [001direction build up slowly, so that deformation
remains elastic over awide stress range. The purpose of
this work is to reveal the signs and conditions of the
onset of plastic deformation in zinc single crystals
shock-compressed in this direction.

EXPERIMENTAL

Zinc single crystals of 4N purity were grown by
directed crystallization from high-purity graphite cruci-

bles[5] so that the normal to the surface of the crystals
measuring 100 x 16 x (3—4) mm was aligned with the
(001 [direction. Pieceswith a10 x 16-mm cross section
spark-cut from the single crystals were cleaved along
basal planesin liquid nitrogen to obtain specimens 0.3—
1.0 mm thick. Since the available data on the elastic
moduli of zinc diverge considerably, we additionally
measured the longitudinal sound velocity in the [0010]
direction; it was found to be ¢, = 2.98 + 0.03 km/s. The
Hugoniot adiabat of polycrystalline zinc was measured
repeatedly [6-10]: in the particle velocity range 0.5—
3.5 km/s, the known experimental data can be approxi-
mated by the relationship U, = 3.0 + 1.57u (where U, is
the shock wave velocity and u isthe particle velocity of
the shock-compressed material) with an accuracy of

U, m/s
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Fig. 1. Typical free-surface velocity profiles for 1.7-mm-
thick single-crystal zinc specimens loaded by a 0.85-mm-
thick aluminum flyer plate moving with a velocity of
650 m/s. The orientations of the planes of impact are indi-
cated.
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Fig. 3. Free-surface velocity profiles for the 0.25-0.5-mm-
thick [M010zinc specimens at various shock compression
pressures. Shock waves producing a pressure above 30 GPa
were generated by an explosive detonating in contact with
the base plate; in the other cases, the waves were generated
by the colliding plates. Maximum compression stresses
behind the shock front are indicated.

+1%. In our recent work [11], we determined the
dependence of the longitudinal sound velocity in (001)
zinc single crystals on the elastic compression/tensile
stress. |n the quasi-acoustic approximation, the results
are described well by the relationships

a=co+2bu, a=(ct+4bopy) . (1)

where aisthe sound velocity in the Lagrangean coordi-
nates, o, is the compression/tensile stress, ¢, =
2.99 km/s, and b = 1.933.

The experimental scheme is shown in Fig. 2. The
zinc specimens were impact-loaded by a planar alumi-
num flyer plate accelerated by explosion. The shock
compression pressure was varied by changing the
impact velocity and using intermediate base plates
made of materials with different dynamic impedances,
namely, aluminum, polymethyl methacrylate (PMMA),
and molybdenum. A 0.02-mm-wide gap was provided
between the molybdenum base plate and the specimen

BEZRUCHKO et al.

to develop an appropriateinitial shock compression and
eliminate the effect of the elastic precursor in the plate
on the loading history of the test specimen. In the
experiments, we recorded the history of free (rear) sur-
face velocity u:(t) with aVISAR laser Doppler veloci-
meter [12]. The bandwidth of the measuring channel
was 0-350 MHz or wider. The output signal of the
velocimeter was applied to afour-channel digital oscil-
loscope at a sampling rate of 2.5 GHz (0.4-nsintervals
between record points). The ultimate time resolution of
the VISAR in the configuration used was 1 ns. To
ensure reliable recording, the rear surface of the speci-
men was matted by grinding, polishing, and etching in
hydrochloric acid.

RESULTS AND DISCUSSION

Thefree surface velacity profilesfor different shock
compression pressures are summarized in Fig. 3. At a
particle velocity of up to 1 km/s (a compression stress
of =14 GPa), the compression wave is essentially adis-
continuity inthe parameterswith arisetimewithin 1.0—
1.5 nsfollowed by a plateau where the parameters are
constant. As the shock compression pressure rises, the
shock front is followed by a region where the parame-
ters increase smoothly. The duration of this dissipative
region decreases with increasing intensity of the shock
wave. It is natural to assume that the appearance of the
dissipative region indicates the onset of plastic defor-
mation in the shock wave. Since the rate of plastic
deformation, being limited by the rate of dislocation
motion and multiplication, cannot be infinitely high,
plastic deformation is related to a finite time of stress
relaxation and the corresponding dispersion of the
shock wave. Apparently, the decrease in the stress
relaxation time with increasing shock compression
pressure can be explained in the same terms as the rou-
tinely observed narrowing of plastic shock waves[13].

Figure 4 compares the results in the normalized
coordinates. After the shock wave has reached the sur-
face of the specimen, areflected rarefaction wave forms
in it. This wave propagates toward the base plate and
may rereflect fromitsboundary (Fig. 5). Thetimeinter-
vals in Fig. 5 take into account the time it takes for
rereflected compression or rarefaction waves (which
form due to different dynamic impedances pc of the
specimen and base plate) to reach the surface. Alumi-
num and PMMA have lower dynamic impedances than
zinc. Therefore, the rarefaction wave reflects from zinc
in the form of a compression wave. At the same time,
the reflection of the rarefaction wave propagating in the
zinc from the more rigid molybdenum plate produces
another rarefaction wave. In the former case, when the
rereflected wave reaches the surface, its velocity
increases, whereas, in the latter case, its velocity
decreases. The measurements demonstrate that the
shape of the rereflected compression wave changes and
the rise time of the parameters in this wave increases
when the region of stress relaxation appears behind the
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shock front of the first wave. Thus, at a compression
stress of 1415 GPa behind the shock front, the behav-
ior of the material changes qualitatively, presumably
manifesting the onset of plastic deformation.

The distance-time diagram shown in Fig. 5 alows
us to estimate the reverberation time for elastic and
plastic waves in the specimen. The estimation proce-
dure using this diagram is the following. We separate
triangle FBD bounded by the trailing C_ characteristic
of centered rarefaction wave FB and the leading C,
characteristic of rereflected tensile pulse BD. The states
along these characteristics correspond to zero pressure;
therefore, their slope yields zero-pressure sound veloc-
ity Cq. Then, the position of point B in the diagram can
be easily determined if we know time interval t, — t-
(where t; is the time instant the sample surface starts
quieting down and t: isthe time instant the shock wave
reachesthe surface) provided that the value of ¢, isaso
known (or specified). Section AB of the leading C,
characteristic of the rereflected wave is curved. Since
the slopes of the C, and C_ characteristics in the sub-
stantial Lagrangean coordinates are symmetric, we can
use the equation

dx _ h—x
a - t_th (2)

to calculate trgjectory AB. In Eq. (2), the left-hand side
is the slope of the leading C, characteristic and the
right-hand side reflectsthe merefact that the C_rarefac-
tion wave is simple and centered. Here, h is the target
thickness and x is the Lagrangean coordinate, i.e., the
initial (zero-pressure) distance from the surface of con-
tact with the flyer plate. Integrating Eq. (2), we have

Xg tg
dx _ dt 0 h g_ .ds—te

Jix ="xp = "q 0 @

0 T

and, eventualy,
h

tg—1tg = (tA_tF)h_XB' 4
On the other hand,

Eliminating (h — xg) from Egs. (4) and (5) yields

tB_tF = A,(tA_tF)/COh' (6)
Time interval t, — tr = h/a is determined in quasi-
acoustic approximation (1) for the sound velocity a in

the shock-compressed material in Lagrangean coordi-
nates. Thewave reverberationtimeisty —t- = 1(tg —tp).

The estimates of the front reverberation time for the
elastic and plastic waves are shown in Fig. 4 (dashed
lines). To calculate the reverberation time of the elastic
wave, we used the coefficient values ¢, = 2.99 km/s and
b = 1.933, which were determined from the longitudi-
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Fig. 4. Free-surface velocity profilesfor the [001[%inc spec-
imens. Thetime is normalized by dividing by the specimen
thickness. The origin corresponds to the instant the shock
wave front reaches the specimen surface. (1, 2) Reverbera-
tion time curves estimated for the elastic- and plastic-wave
fronts, respectively.

[

Fig. 5. Distance-time (I, t) diagram accounting for wave
interactions when the waves reflect from (1) the free target
surface and (2) the interface with the flyer plate or base
plate. Substantial Lagrangean coordinates are used; there-
fore, the boundariesin the diagram are fixed.

nal sound velocity measured for compression/tensile
stressesranging from —2 to 13 GPa[11]. When estimat-
ing the reverberation time of the plastic wave, we used
the coefficients appearing in the linear expression for
the Hugoniot adiabat of zinc: ¢, = 3.0 km/s and b =
1.57. Figure 4 shows that, at compression stresses
below 16 GPa, the actual reverberation time agreeswell
with the assumption of elastic response of the material
to the load. However, in higher pressure experiments,
the reverberation timeis close to estimates for the plas-
tic waves propagating with a volume sound velocity.
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Fig. 6. Zinc state variation in shock waves of differentinten-
sity. The symbols show the fina states and the states corre-
sponding to the onset of stress relaxation. (1) Isentrope for
longitudinal elastic compression and (2) isentrope for uni-
form compression.

Thus, at acompression stress of =14—-15 GPabehind
the shock front, the response of the material to the load
changes qualitatively: aregion of parameter relaxation
appears behind the shock, the shape of the rereflected
compression waves changes, and the dependence of the
wave reverberation time on the shock compression
pressure changes form. These findings indicate switch-
ing from purely elastic to elastic—plastic deformationin
this pressure range without loss of shock wave stability.

In stationary compression waves, al intermediate
states and the final state must correlate with the Ray-
leigh (Michelson) line,

Vo—-V
Oy = poui‘%;“,

where V, and V are the initial and current specific vol-
umes of the material, respectively.

The positions of the Rayleigh lines relative to the
Hugoniot adiabat of polycrystalline zinc [6-10] and the
adiabat of elastic compression in the [M01]direction
[11] areshown in Fig. 6. Because of the lack of relevant
data, the Hugoniot adiabat of polycrystalline zinc
obtained over awide pressure range is considered here
as the adiabat of uniform compression. Marked in the
Rayleigh lines are the final states and the states corre-
sponding to the onset of stress relaxation. At an elastic
compression stress of 14—-15 GPa (when plastic defor-
mation begins), the deviation of the adiabat of elastic
longitudinal compression from the Hugoniot adiabat of
zincis=1.5GPa. Thisvaluevirtually coincideswith the
deviative stresses at the front of the elastic compression

BEZRUCHKO et al.

precursor propagating in the transverse direction [3].
The fina states of shock compression deviate from the
Hugoniot adiabat of polycrystalline zinc by no more
than 1.2-2.0 GPa.
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Abstract—The optical properties of amultilayer system comprising an optical diode, insulating layer, and mir-
ror are studied. The distribution of the el ectromagnetic wave energy in the systemis considered. It is shown that
the energy of the wave is accumulated within certain spectral intervals. Two mechanisms underlying this obser-
vation are discussed. One is due to the diode effect (i.e., nonreciprocal transmission or reflection); the other is
associated with periodic layers existing in the system. Multilayer structures based on the phenomenon discov-
ered may find application in water or gas heaters and in optical-to-electric energy converters. © 2005 Pleiades

Publishing, Inc.

INTRODUCTION

Layered periodic structures have recently attracted
much attention because of the progressively expanding
potentialities of epitaxial technology for creating peri-
odic and/or aperiodic multilayer structures. Such struc-
tures are emerging artificial materials that offer spe-
cialy tailored physical properties unattainable in natu-
ral insulators, metals, and semiconductors. The
properties of these artificial materials depend not only
on the physical parameters of the constituents but also
on the geometry of the layers and the period of the
structure. Structures of this sort are being widely used
in advanced optics, optoelectronics; antennas, and
laser, X-ray, and millimeter- and submillimeter-wave
technologies.

In studies of wave propagation in such systems, the
emphasis is usualy on the fields of the reflected and
transmitted waves, while the field inside the system
remains undetermined. However, in many cases of
physical interest, it is necessary to know the distribu-
tion of the field both outside and inside the system.
Examples are radiation propagation in waveguides, as
well as in inhomogeneous and multilayer media; opti-
cal absorption in periodic systems, etc. [1-8]. For
example, in [6-8], where radiation absorption anoma-
lies under diffraction conditions were studied, a new
mechanism causing these anomalies was found that has
to do with the optical field (energy) distribution just
inside the system. It was shown, in particular, that, at
certain wavelengths, the optical energy density inside
the system may by several times exceed that outsideit;
that is, the optical energy isaccumulated by the system.
In[9], optical energy accumulation in layered periodic
systems was investigated.

It was shown [10-13] that nonreciprocal optical sys-
temsmay act asoptical diodesunder certain conditions;

i.e., they transmit light incident only on one side, mak-
ing light energy accumulators feasible. This work is
concerned just with this problem.

Experimentswere carried out with a system consist-
ing of an optical diode (OD) and a mirror with an iso-
tropic insulating layer (11L) in between. The optical
diode represents a cholesteric-filled Fabry—Perot reso-
nator. Two configurations of the system were used:
OD(1)-lIL—mirror (Fig. 1) and OD(2)-IL—mirror,
where OD(1) = glass(1l)—cholesteric—glass(2) and
OD(2) = glass(2)—cholesteric—glass(1).

THEORY OF THE OPTICAL
DIODE-NSULATING LAYER-MIRROR SYSTEM

Consider the propagation of light through an OD-
[L—mirror system shown in Fig. 1. Wave propagation in
inhomogeneous and multilayer media remains a chal-
lenging problem of physicsand isasubject of extensive

o'
ny | OD € M 1o
5y -
-— ‘D‘* EE E,
E,
dl d”
d
o

Fig. 1. Configuration of the multilayer optical system.
OD(1) = glass(1)—cholesteric—glass(2), OD(2) = glass(2)—
cholesteric—glass(1). g is the permittivity of the isotropic
insulator, d isthethickness of theinsulator, and M stands for
mirror.

1063-7842/05/5005-0625$26.00 © 2005 Pleiades Publishing, Inc.
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research (see, e.g., [14-22]). It is convenient to tackle
this problem with the simple yet efficient Ambart-
sumyan method of addition of layers [20-22]. In this

method, extramatrices S and P areintroduced in order
to exclude the solution of new equations that take into
account problem-complicating factors: insertion of
extra layers between multilayer systems or within a
multilayer system, insertion of radiating planes (lay-
ers), or determination of inner fieldsin the optical sys-
tem instead of finding transmission and/or reflection
characteristics.

Let wave E; incident on an OD—lIL—mirror system
generate waves E, and E; transmitted through and
reflected from the system. The complex amplitudes of
the incident, reflected, and transmitted waves are
expanded in circular basis polarizations,

!E] @
Ei, rt

where n,. and n_ are the unit vectors of circular basis
polarizations.

The reflected and transmitted waves are related to
theincident one as

E, = RE,,

+ —
Ei,r,t = Ei,r,tn++ Ei,r,tn— =

E. = TE, )

where R and T are the Jones matrices for the given
system.

According to [22], if there is a system consisting of
adjacent subsystems A (left) and B (right), reflection
matrix Ra+g and transmission matrix Ta+s Of System

A + B are expressed through the respective matrices of
the subsystems as

Rars = Ra+ ?AAS-T-A,
-,I\-A+B = ?Blsz,
provided that light strikes system A + B from the left. It
is assumed that subsystems A and B are, respectively,

on the left and right of joining plane OO' (Fig. 1).
Hence,

©)

Ta = Tiexp(ik,d), Ra = Ry,

Fa=Trexplikod), Ra= expikod)Reexplikod), (4)

Te = Toexp(ikod"), Rs = exp(ikod") R-exp(ikod"),
where T1, Ry and T», R, are the transmission and
reflection matrices of the OD and mirror;
21
ko = T 80,
€, is the permittivity of the isotropic insulator, A isthe
wavelength in avacuum; and d' and d" are the distances

GEVORGYAN

from the joining plane to boundaries OO of the left-
and right-hand isotropic insulating layers, respectively.
The quantities with a tilde designate the transmis-
sion/reflection characteristics of the system when light
strikes the system from the right.

Matrices S and P describe resulting waves in the
insulating layer on joining plane OO'. Thus,

E_ = PTAE, (5)

is awave arising on plane OO' and propagating to the
right and

E_ = STaE, (6)

is awave arising on plane OO' and propagating to the
left. Thetotal field on thisplanein theinsulator isthere-
fore given by

Ewa = (S+P)TAE,. (7)

According to [22], matrices S and P satisfy the set
of equations

A A A 2. -1
S= RB[| - RARB] y
A )
P = [| —RARB] .
Since OD(1) and OD(2) themselves are multilayer
systems, their respective transmission and reflection

matrices (T1, R and T2, R:) can be found by the
same technique (see also [23)).

Using (1)—(8), one can calculate the coefficients of
reflection, R= |E,J%/|E?, and transmission, T = |E/JY/|E%;
the relative intensity of the wave resulting on the join-
ing plane, | = |E,|?/|E%; and other optical characteris-
tics of the system.

NUMERICAL CALCULATION
AND CONCLUSIONS

To study optical energy accumulation by a system
containing aperiodic layer (severa layers), wewill first
consider a system comprising a cholesteric layer and a
mirror in which the joining plane coincides with the
interface. Figure 2aplots the wavel ength dependence of
intensity | of the wave resulting on the joining plane for
different polarizations of the incident wave. It is seen
that the joining plane does not accumulate optical
energy (I <1, incident light intensity |, = 1). This, how-
ever, does not mean that the accumulation is absent at
al. Calculations show that the accumulation to an
extent takes place inside the cholesteric. Now we com-
plicate the system, introducing an isotropic insulating
layer between the cholesteric and mirror. Figure 2b
demonstrates the wavelength dependence of intensity |
of the wave resulting on the joining plane in this case
(here, joining plane OO' isin the middle of theisotropic
insulator). At certain wavelengths of the incident light,
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1 1
0.60 0.62 0.64
A, Um

Fig. 2. Intensity | of the net wave at the || L—mirror interface
vs. the wavelength for the (a) cholestric—mirror system and
(b) cholestric—IL—mirror system when the incident wave is
polarized (1) clockwise, (2) counterclockwise, (3) linearly
along the x direction, and (4) linearly along the y direction.
The cholesteric has aright-hand helix.

the resulting wave intensity in the system far exceeds
the incident intensity (for example, by a factor of 10.5
at A = 0.6218 pum); that is, the optical energy is com-
pressed (accumulated). Thus, a periodic layer inserted
into the system makes it possible to accumulate optical
energy under certain conditions.

Let us now turn to an optical system containing a
nonreciprocal element to demonstrate another mecha-
nism of optical energy accumulation. The system com-
prises an OD and amirror. Two structures of the optical
diode are considered: OD(1) = glass(1)—cholesteric—
glass(2) and OD(2) = glass(2)—cholesteric—glass(l).
The joining plane coincides with the OD—mirror inter-
face. Figures 3aand 3b plot the wavel ength dependence
of intensity | of the wave resulting on the joining plane
when the light is incident on the (a) OD(1)—mirror and
(b) OD(2)—mirror systems. In this case, the joining
plane does not accumulate the energy again. Note that,
in this case, too, this does not indicate the absence of
the accumul ation.

Asbefore, we complicate the system by inserting an
isotropic insulating layer between the OD and mirror.
Figures 4a and 4b plot the wavelength dependence of
intensity | of the wave resulting on the joining plane
when the light isincident on the (a) OD(1)—lIL—mirror

TECHNICAL PHYSICS Vol. 50 No.5 2005
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Fig. 3. Intensity | of the net wave at the OD—mirror interface
vs. the wavelength for the (&) OD(1)—mirror system and
(b) OD(2)—mirror system. For 14, see Fig. 2.
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Fig. 4. Intensity | of the net wave arising in the IIL at the
joining plane vs. the wavelength for the (a) OD(1)—IIL—mir-
ror system and (b) OD(2)—!IL—mirror system. For 14, see
Fig. 2.
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Fig. 5. Wavelength-averaged intensity | of the net wave aris-
inginthellL vs. thewavelength for the (a) OD(1)—IIL—mir-
ror system and (b) OD(2)-IL—mirror system. For 14, see
Fig. 2.

and (b) OD(2)- IL—mirror systems. From Fig. 4, it fol-
lows that (i) in the first case (in the OD(1)—IL—mirror
system), the energy compression ismuch higher thanin
the other system and (ii) the value of | reaches 30 at cer-
tain wavelengths and may be raised further.

The above observations can be explained in simple
terms. In theformer case, the optical energy isaccumu-
lated viatwo mechanisms: thefirst one (diode effect) is
due to the asymmetric (nonreciprocal) transmission of
the system’s elements; the other is due to the presence
of the periodic layer in the system (we mentioned pre-
vioudly that the periodic structures may accumulate
optical energy in certain wavelength intervals). In the
latter case, only the second mechanism is accom-
plished.

Consider now possible applications of the effect of
optical energy accumulation. Note that the intensity of
theresulting wavein the periodic systemisusually high
in narrow frequency intervals and when the system is
thick. However, an inevitably existing spread in the
optical system thickness averages the intensity over
both the thickness and the wavelength; as a result, the
intensity decreases significantly. Figures 5a and 5b
show the wavelength dependences of the wavelength-
averaged intensities for the (a) first and (b) second
cases. It is worth noting that, generaly, a finite-thick-

d', pm

Fig. 6. Intensity | of the net wave arisinginthellL vs. d' for
the () OD(1)-IL—mirror system and (b) OD(2)—I1L—mir-
ror system. For 1-4, see Fig. 2.

ness layer of an isotropic insulator (semiconductor, or
another material) must be inserted into the system in
order to extract or utilize the energy stored. That is, the
possibility of light energy compression using optical
systems with an IIL (the case under consideration in
thiswork) is of great practical interest.

Figures 6a and 6b present the d' dependences of the
intensity for the two cases.

Thus, our experimental and analytical data demon-
strate that an OD—lIL—mirror system may efficiently
and reliably compress the light energy in the insulating
layer, the spectral interval of compression being rather
wide and insensitive to the layer thickness spread.

Note in conclusion the possible applications of the
systems. If the light energy compression is maximal in
a spectral range of maximal absorption (e.g., of water),
such systems may be used in heat engineering as effi-
cient water heaters. Similarly, they can operate as gas
heaters. Also, such systems may be used in optical-to-
electric energy converters. Of course, other fields of
application may be indicated.

Significantly, the numerical results reported in this
work were obtained in a real experiment for a system
containing (i) a cholesteric layer of composition cho-
lesteryl nonanoate : cholesteryl chloride : cholesteryl
acetate=20: 15: 6, whichisd = 1000 thick and exhib-
itsapitch of helix in the optical range (o = 0.42 um) at
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room temperature (24°C); (ii) asilver layer (d =2 um,

n=

1.44 +i3.631) asamirror; and (iii) a glass sheet (d;

=50pum, n; =1.5+i107®) asglass(1) or adiamond sheet
(d, =50 pm, n, = 2.417 +i107®) as glass(2). The accu-
racy of the numerical data was estimated using the
energy conservation law (in the absence of absorption,
R+ T = 1) or by comparing current data with those
obtained previously.

=

10.
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Abstract—The operation approach is applied to solve the Maxwell equations for a sequence of circular layers
the permittivity and permeability tensors of which depend on the radial coordinate. This makes it possible to
extend the well-known method of stratification for cylindrical structures. Operator dispersion relations
for graded-index and multilayer step-index isotropic circular fibers are derived. Numerical solutionsto the dis-
persion relation for a multilayer waveguide with a periodically varying permittivity of the layers are obtained.
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INTRODUCTION

The influence of polarization on the performance of
fiber-optic communications has recently been given
much attention. Among polarization effects, the polar-
ization—mode dispersion, which is attributed to a rap-
idly and randomly varying birefringence in the fiber,
and polarization losses are the most important. The
former effect causes a random change in the polariza-
tion of light, which greatly affects the signal at the exit
from the fiber [1, 2]. In anumber of works, the perfor-
mance of fiber-optic gyros[3, 4] and lasers [5, 6] was
extensively studied. A fiber-optic ring-interferometer
gyro configured with a high-linear-birefringence light-
guiding loop is an example [4]. Such gyros offer ahigh
sensitivity and may be used in navigation. In [6], two
lasing conditionsfor aring bidirectional fiber laser with
a Faraday phase shifter are treated theoretically. Of
interest are techniques for determining the refractive
index of aliquid from optical lossesin a curved cylin-
drical light guide [7].

Operator methods as applied to the optics of com-
plex media are being extensively developed today. The
light reflection and transmission tensors [8, 9], the ten-
sor refractive index [10], and the velocity operator of
electromagnetic waves [11] generalize related scalar
quantitieswith regard to the vector nature of light (pho-
ton spin) [12]. These operators describe the superposi-
tion of eigenmodes propagating with certain velocities
and polarizations. In terms of the covariant formalism
developed by Fedorov [13, 14], the Maxwell equations
and dispersion relations are represented in a compact
form suitable for analysis and calculation of layered
bianisotropic structures. Here, the evolution operator
and the impedance tensor are of critical importance. In
[15], both are applied to attack the problems of
waveguide propagation, reflection, and transmission of
light. The mathematical structure of the vector equa

tions for the field implies that the evolution operator is
ablock matrix. For planar waveguides, operator disper-
sion relations have been derived [9], which involve the
impedance tensors for the cladding and the evolution
operator for the core. The extension of the impedance
matrix for the case of spherical layered anisotropic
media, which simulate the terrestrial ionosphere, was
reported [16].

In thiswork, we apply the operator method to deter-
mine modes in circular fibers. The electromagnetic
field is described with sets of first-order differential
equations. These sets are valid for those media the per-
mittivity and permeability tensors of which areradialy
nonuniform. Such an approach (also called the method
of stratification [18]) is, in essence, a multilayer step
approximation and has been long used in anaysis of
planar waveguides [17]. In [9], it was extended for
inhomogeneous bianisotropic waveguide layers. This
method of deriving dispersion relationsis demonstrated
with an isotropic circular waveguide. Dispersion rela-
tions for multilayer step- and graded-index fibers are
studied.

EVOLUTIONARY SOLUTIONS FOR CIRCULAR
CYLINDRICAL WAVEGUIDES

Consider the propagation of electromagnetic waves
with fields E(r, t) and H(r, t) harmonically varying in
time. In cylindrical coordinate system (r, ¢, y), the
Maxwell equations have the form

lan

%)631 o0

0
b e 1%—455(” = iku(rH(r),

H(r) = —ike(r)E(r),
)
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where e(¢), ,(¢), and b are the basis vectors directed,
respectively, along the radius, tangent to the circle, and
generatrix of the cylinder; k= w/cisthewavenumber in
avacuum; w isthe wave frequency; and b* isthe tensor
dual to vector b ((b¥); = &;by) [10, 14].

In (1), we assume that the permittivity, (r), and per-
meability, u(r), tensors depend on only radial coordi-
nater. Thisispossibleif € and p are composed of axial-
coordinate-independent (¢-independent) tensors, unit
tensor 1, dyad b O b, and dual tensor b*. Thus, we will
deal with the following permittivity (permeability) ten-
sors: (i) € = g(r)1, isotropic medium; (ii) € = €,(r)(1 —
b O b) + &,(r)b O b, uniaxial crystal the optical axis of
which is aligned with vector b; (iii) € = &,(r)1 + x(r)b*,
gyrotropic medium; and (iv) € = &(r)(1 —b O b) +
&(Nb O b + x(r)b*.

Taking into account the invariance of the field

strengths relative to coordinates y and ¢, we separate
the variables,

() _ vy (0
CE(r)H CE(r, )

where 3 is the longitudinal wavenumber (mode propa-
gation constant) and v is an integer.

Since components H,, Hy, and H, of vector H(r, ¢)
(similarly to the components of E(r, ¢)) do not depend
on¢ (i.e, H(r, ¢) = Hy(r)b + Hy(r)ey(9) + Hr(r)er(tb))
Egs. (1) take the form

exp(iBy +

de iv.x 1 .
+B[3b +-—e¢+FbDe¢EH = —ike(r)E,
-dE @

& +E[3b "’e;+ bme¢D = iku(r)H.

Thus, the Maxwell equations are reduced to a set of
ordinary first-order differential equationsinr for vector
functions E and H. Coordinate ¢ entersinto vectors g,
and e, which specify the polarization of the electro-
magnetic waves. It is seen that the independence of the
field components on ¢ is satisfied. Set (2) can be split
into four ordinary differential equations and two alge-
braic equations. The algebraic equations make it possi-
bleto eliminate two of six componentsof E andH. Itis
appropriate to leave the field components lying in the
plane tangent to the surface of the circular cylinder
(hereafter, tangential components). These components
are continuous at the circular cylindrical interface and
can be represented in the form E,=IE and H, = IH,

wherel=1-e O e = —er is the operator projecting
onto the plane perpendicular to vector e. Introducing
vector u = (B/k)e, — v/(kr)b and considering the rela-
tionships uH = e€cE and uE = —euH, which follow
from (2), we come to a relationship between the total
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fields and their tangential components [8],

vaHOE
DE(r)D

0.
OE(r) O

©)

where

El—e,Derp/ur —e Ou/p, U

[l
O eOule, 1l-eOecgle O

isthe restoration matrix, €, = e€e, and |, = epe.
Inview of (3), wederiveaset of equationsfor E, and
H, from (2),

V =

9GO A= a5 M=5A80 @
rDE(r)D OE(r) O DC DO
where
A = [ 0 1« 0 1 « |
= EEq) e¢+8—erser U—ErerLD e M,
B ——lequu+81lser,
r r 5
_ 1« 1 ©)
C= —euDu——Iue
& Hr
D=lem lene ou-tem eel
= & e¢+Eerper u--e ecl.

In (4) and (5), M isthe block matrix in which blocks
A, B, C, and D are planar tensors (planar tensor A meets

therelationship Ae, = e A=0), € isthetensor adjoint to
transposed tensor € (adjoint tensor @ is defined by the
formulad a =aa =|al, where |a| isthe determinant of
o) [10, 14]. Relationships (5) turn into similar relation-
ships for a planar-layer mediumatr — o, & — q,
and e, —= a=b x ¢, where g isthe unit vector normal
to the planar layers.
The fundamental solution to Eq. (4) isgiven by [§]

Ht(r) % - Q;[IkM(I’)] E Ht(a) E,
OE(r)O OE(a)U

r

QULIkM()] = [(E+ikM(r)dr), E = é

where Q;[ikM(r)] (a # 0) is the evolution operator,
which is represented through the multiplicative integral
[19].

Relationship (6) implies that, knowing initial vec-
torsH,(a) and E,(a), we can find the tangential compo-
nents of the fields at any point r. Let us introduce
impedance tensor I (r) and define it as a quantity relat-
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ing the tangential components of the magnetic and el ec-
tricfields, E; = 'H,. Eliminating vectorsH, and E, from
(4), we arrive at the Riccati tensor equation for " [9]

1d0  rBr+ra-pr-c=o. ™
ikdr
The solution of Eqg. (7) yields two impedance ten-
sors, I'4(r) and I, (r). Thus, the circular layer r O (a, b),
a # 0, supports the propagation of two waves, which
correspond to two independent solutions and have
impedances IM4(r) and I,(r) The layers covering the
intervals0<r <aand b <r < o support one wave
whose amplitude is finite at pointsr = 0 and r = oo,
respectively. For both a homogeneous and an inhomo-
geneous circular layer, the impedance tensor depends
on r, so that the Riccati tensor equation cannot be
reduced to an algebraic equation. Differential equation
(7) can be solved numerically by techniques described
elsewhere[8, 9].

ISOTROPIC CIRCULAR LAYER

Consider a homogeneous isotropic medium with a
constant permittivity and permeability, € = const and
I = const. Then, tensors (5) are recast as

A=L

kr D =

[

€y L1 €,
Bv u,
kp ku ku

_ BV (b
= Ob-e,Ogy) —
k er PR
where u; = k?%ep — 3% and u, = k?ep — v/r2,
A solution to this problem is given in terms of the
Bessel functions as follows:

u; u,
—bOe, +—==¢e{1 b,
£ i kzs<p

JH(NE _ QD t(a)D Q; = P(r)P (a), (8)
OE(r) O OE(a) O

where P-is the block matrix pseudoinverseto P (PP =
PP-=E) [10, 14].

Matrix P isexpressed through planar tensorsa, o,
By, and B, as

Oa, o,
P(r) = 0o %2,

0B, B, 0
D 2 [ i ,
a,=FPh* Bva e 0 bt@Ff,T)e(bDeq,,
O ufr O U,
* (9)
_ikap —(m)r
B, =7 u+”FV"_: g 0b

NOVITSKY, BARKOVSKY

0 2 0
+F(m)[b$|3vza ed0e,; m=12
O U

usr

Here, U2 = +a2u, = +k%a?(ep — PYK?), FY = J,(u,r/a)

isthe vth-order Bessel function of the first kind, Ff,zf =
Y,(u,r/a) is the Bessel function of the second kind,

FY = (ur/a) and F? =K (ur/a) are the modified

Bessel functions, and F\?" (x) = dF{™ (x)/dx means dif-
ferentiation with respect to argument. Superscripts 1
and 2 correspond to independent sol utions of the Bessel
equation.

For each of the waves corresponding to independent
solutions to the Bessel equation, the impedance tensor
isgiven by

Fm(r) = B(r)am(r),

where a,, isthe tensor pseudoinverse to tensor o,

Given the initial amplitudes of waves H(a) and
H,(a), the evolution of the fields is described by the
relationships

Him(r) = am(r)am(a)Hm(a),
Em(r) = Br(nam(@)Hm(@).

Evolution operator (8) of a homogeneous isotropic
layer equals the product of block matrices P(r) and
P~(a) and isalso ablock matrix. Tensorsa,, o, B;, and

B, are defined by cylindrical functions F:? and mode

propagation constants3 andv. Thelayera<r <b(a#
0) supports the propagation of two waves, the field
strengths of which aregiven by (11). InthelayerO<r <
a(and adso b < r < ), one of the independent waves
does not meet the conditionsthat are imposed on H and
E at pointr =0 (r = o). Thus, only one wave can prop-
agate in the cladding and core of the waveguide.

(10)

(11)

DISPERSION RELATIONS AND MODE
POLARIZATION IN ISOTROPIC FIBERS

Now wewill apply our analytical resultsto the prop-
agation of electromagnetic waves in circular isotropic
infinite-cladding fibers. The abjects of consideration
are multilayer step-index fibers and graded-index fibers
with an inhomogeneous core. Our aim is to derive dis-
persion relations and find the polarization of waveguide
modes. For a multilayer step-index fiber with radius a
and constant permittivities and permeabilities of the
core (€., Mg and cladding (g4, My), Solutions to the
Bessel equation are routinely taken in the form

DF(l) = J,(u,r/a),
F(Z) = K, (u_r/a),

r<a

r=a.
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Such aform of the solutions provides field oscilla-
tion in the core and field decay in the cladding. Then,
impedance tensors (10) at the boundary r = a (surface
impedance tensors) can be written as

o iu Jy(u) Bva 0 Bva
rco - kasco.,] (U)B) D %‘1’

kaple,J,
_TkapeJ, (u; &, Ob,

iw KW, Bva, 0 Bva
kanK (W)g)+ W € %:‘4’_ W bH
4 1Kapg Ky(w)
w K, (w) & b,
B2K?) and W2 = K2a2(B3/k2 —

(12)

cd —

where u? = k?a?(goleo —
eclucl)-
Next, multiplying the boundary conditions

O o 0O O
0 H”@ p.0 HY@ [ (13)
O (co) [l 0 (ch O
OFeH (@0 OlgH (@) 0
by block matrix (4 —1), we get the equation
OH{®)(a) = 0, (14)

where®@ =T, -, isaplanar tensor (©® = ©¢, =0).

Thus, tensor © has two eigenvectors, e and
H§°°) (a), which correspond to the zero eigenvalue.
Accordingly, © is a dyad and the invariant dispersion
relation takes the form [9]

ét = 0, (15)

where O, isan invariant (the trace of the tensor adjoint
t0 ©).

Taking into account that ® = ©,¢, 0 e = 0 and
applying the Hamilton—Cayley theorem

0-06 = 0(0-0), (16)
we write dispersion relation (15) in the form [9]
(@) = (&)". (17

Substituting impedance tensors (12) into ©, we get
adispersion relation for a graded-index fiber that coin-
cides with the well-known expression from the theory
of circular fiber [18],

09v(W) |, Ha Ky(W) prydy(u)

2
BZVZ (u2 + WZ)
2 4. 4 ’
K €oMlee UW

L & KW
€WK, (W)
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The solution of Eq. (14) aso yields tangential com-
ponents H'® (a) of the field vector at the interface. In
fact, multiplying (16) by arbitrary vector p that satisfies
the condition (@ — ©,)p # 0 and comparing the result
with (14), we get

H®(a) = (0-0)p. (18)

The amplitudes of the independent waves at any
point r in the core are determined from (11) at H,(a) =

H (a) and Hy(a) = 0. Vectors H,(r) and E,(r) in the
cladding are found in asimilar way by putting H,(a) =

0 and Hy(@) = H™ (3). The total field vectors are

expressed through the restoration matrix (see (3)). The
polarization of waveguide modes in the core is then
written in the form

H(w)(r)D VE a1 )Eaz(a)(@—et)p (19)
0 E(CO)(r) 0 OBy(r) 0

(similar expressions can be written for the cladding).
Propagation constants [3 appearing in (19) are found
from dispersion relation (17). Thus, to solve the
waveguide problem, one has to know tensor ©. Know-
ing this tensor, we write dispersion relation (17) and
determine the polarization of the modes (19).

In the case of amultilayer circular fiber with permit-
tivities and permeabilities specified as

H-':co’ r<a0
€ = [Ej, @_1Sr<y
O
[(Eq, 24,
[Heoy <39
0 .
H=[H, g_1sr<g, j=1..,n
g
|j-lcli rzan!

the boundary conditions yield the relationship

00
OH®(a) = 0, © = (rd—l)QZgE rl u

co

(20)

Evolution operator ng is the product of the evolu-

tion operators for each of the layers (see (8)) in the fol-
lowing order:

Q:E = Py(@n)Pr(an-1)Pn_1(8q-1)Py_a(@y_2) ...
..Pi(a;)Pi(ay).

(21)
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For a graded-index fiber,

(B, r<a o r<a
€ =[x(r), asr<b p=u(r), asr<b
Fa. 2D, Hig, r2b,

the boundary conditions yield a relationship similar to
(20) in which QZ"O should be replaced by evolution

operator Q7. The latter can be represented as multipli-

cative integral (6). Numerically, Qg can be found in

two ways. Thefirst way isto partition theinterval (a, b)
into n parts and set block matrix M constant and equal
to M(r;) within each of the parts (rj, rj.1),j =0, 1, ...,
(n—1)). Then, the multiplicative integral is represent-
able as the product of exponentials with a matrix argu-
ment,

Q2 = exp(ikM(r,_DAr,_y) exp(ikM(r,_»)Ar, _,)...
.. exp(ikM(rg)Aro), (22)

wherer,=b, ro=a, and Ar; =1, —T;.

The evolution operator of a homogeneous layer can
also be calculated by formula (22). The second way
implies the partition of an inhomogeneous layer into n
homogeneous sublayers. In this case, the evolution
operator can be found by formula (21). For the same
number n of layers into which a fiber is split, formula
(21) gives a more accurate value of the multiplicative
integral than expression (22). On the other hand,
expression (22) does not require calculation of specia
functions appearing in block matrix P and, thereby,
may cut the time taken to compute the multiplicative
integral.

HE;
Bk
1.49 |
EH,
i HE |,
1.48 EH,,
147 "o
HE,,
My, ,EHy,
1.46 /HE13
145k L
0 2 4 6 8 1%

Dimensionless propagation constant 3/k vs. fiber parameter
V =ka,fe.,—€y for the modes of afiber with a periodic

sequenceof layersatv =0, 1, 2. The parameters of the prob-
lemaregy, =2.25, £4=2.10,d = 0.4a, andn = 5.

NOVITSKY, BARKOVSKY

NUMERICAL CALCULATION
AND CONCLUSIONS

By way of example, consider a periodic multilayer
structure

%Ecm r<a,
By, a+(j—1)d<r<a+(j—1/2)d,
s:
. a+(j—U2)dsr<a+ijd,
Epd, r=a+nd,
p=1 j=1,...,n,

where a is the fiber core radius and n is the number of
periods of width d.

One half of the period, d/2, is occupied by amedium
with permittivity €4; the second, by a medium with per-
mittivity €., > €4. The modes of such afiber are speci-
fied by dispersion relation (17). Planar tensor © is cal-
culated by formula (20), and the evolution operator
equals matrix product (21).

The figure shows the solutions to the dispersion
equation forv =0, 1, 2. The case v = 0 corresponds to
the TE and TM modes. For the other v, the modes are
hybrid; that is, neither longitudinal coordinate (H, and
E,) vanishes. The type of the hybrid mode is defined by
the ratio between the longitudinal components of the

electric and magnetic fields [18],
- _E_y_ - brco(a)(e_et)p
iH, ib(@-06,)p

The case & > 0 corresponds to the HE mode; 6 < 0,
to the EH mode. The HE;; mode has the lowest cutoff
frequency and, hence, is the fundamental mode. The
fiber is regarded as single-mode (i.e., supporting only
the fundamenta mode) if the fiber parameter V =

ka /e, — €4 issmaller than the cutoff frequency of the
next mode (V < 2.4 according to the figure).

Thus, we have derived dispersion relations and
found the polarizations of modesfor circular multilayer
isotropic fibers. The awkwardness of mathematical
manipulation in deriving the dispersion relations is
compensated for by the generality of the approach and
feasibility of algorithmizing the problem irrespective of
the complexity of media (from the class of mediarele-
vant to our problem) and the number of layers. For
anisotropic fibers, the permittivity and permeability
tensors of which are complex and independent of the
radial coordinate, dispersion relations (17) and formu-
las (18) for the mode polarization are also valid. In this
case, propagation constants B are complex; that is, the
modes decay. If tensors £(r, ¢) and u(r, ¢) are noniso-
tropic in the cross section of the fiber or the cross sec-
tion is not circular, Egs. (2)—«5) fail. Then, it is neces-
sary to solve the partial Maxwell equationsfor the elec-
tric and magnetic fields.
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Abstract—Forced oscillations excited by aradial magnetic dipolein adielectric hemisphere (resonator) placed
on a perfectly conducting plane are studied. It is shown that the dipole excites H modes. When the dipole radi-
ation frequency equal sthe eigenfrequency of the resonator, an amplitude resonanceis observed in the spectrum.
The excitation efficiency is high when the magnetic dipoleis placed at the maximum of the radial field compo-
nent of the resonator’s eigenmode. © 2005 Pleiades Publishing, Inc.

INTRODUCTION

The study of oscillation excitation of a homoge-
neous dielectric sphere was pioneered by Mie [1] and
Debye [2], who considered scattering of electromag-
netic waves by the sphere. External and internal excita
tion of afinite-conductivity sphere by electric and mag-
netic currents distributed in a homogeneous isotropic
space was addressed in [3, 4]. Today’s interest in this
problem is associated with the wide application of open
dielectric resonators in nondestructive complex-per-
mittivity measurements [5—7], in measurements of the
surface impedance of metals and thin-film high-tem-
perature superconductors [7-9], aswell asin signal fil-
tering [10] and frequency stabilization techniques[11].
When studying these resonators, researchers focus on
eigenmodes of whispering-gallery type, which are
characterized by high polar index n. A low leakage of
these modes from the resonator is related to the almost
total reflection of the resonance field from the smooth
spherical surface. This effect was first demonstrated
and explained with acoustic waves propagating in a
cylindrical gallery [12]. The hemispherica dielectric
resonator placed on a conducting plane offers much
more extended functionality. In particular, it can be
excited through dlots cut in ametal screen. In the elec-
tromagnetic field distribution over the spherical surface
of this resonator operating in whispering-galery
modes, beltlike patterns were observed experimentally
[13]. It is of interest to theoretically study the field and
power distributions of oscillations excited in a hemi-
spherical dielectric resonator with a conducting planar
base.

THEORY

Consider adielectric hemisphere of radiusr, that is
placed on a perfectly conducting plane (Fig. 1). The

hemisphere is made of a homogeneous isotropic sub-
stance characterized by complex permittivity 4 and
permeability pg. The environment has complex permit-
tivity €, and permeability .. The structureis excited by
amagnetic dipolein theform of aradial slot in the con-
ducting plane, which has magnetic current density

i"(r,8,¢,t) = j'(r,8, ¢)exp(-iwt),
where

Jod(r —ry)
2.

ir(r,8,0) = 3(8-172)8(0),

Joisthetotal magnetic current, wisthe dipoleradiation
frequency, 6(X) isthe deltafunction, and r, isthe radial
position of the source (dipole).

Fig. 1. Hemispherical dielectric resonator on a conducting
base.

1063-7842/05/5005-0636$26.00 © 2005 Pleiades Publishing, Inc.



EXCITATION OF OSCILLATIONS

The system of Maxwell equations for the field com-
ponents has the form

;rrEe aaeE = ikrp,Hy,
19%695' nOE, ~ a?pE‘D
= ikrpH, +41Tlr iM(r. 8, b,1);
gﬁ-—e—a—aq—)E,—gFrEq, = ikrp,Ho: (1)
sﬁe%aes' noH, — 0¢H O - —ikre, E,;
(—%rHe—(%H —ikre,Ey;
ﬁ%Hr—%qu, = —ikre,Eq,

where subscriptv =“d” forr <rgandv =“¢€” forr >ry,
k = w/c, and cisthe speed of light. All the field compo-
nents contain time-varying factor exp(—iwt), which is
hereinafter omitted.

After eliminating components Eg, E, He, and H,
from Egs. (1), the Maxwell equations reduce to the fol-
lowing differential equations for radial components H,
and E;:

[Eb + XA }H (r,0, )

_ 4T Da 1].2:M )
= o 6.0, @

0
[Ebr + X+ 80 |E (1. 8.0) = 0.
Here, the operator A is defined as

Ao Lo 0, 19
75636 ""58 " G000’

and

X\) = k/\/ 8\) p’V'
An isotropic dielectric hemisphere supports H (E, =
0) and E (H, = 0) modes[14]. Asfollows from Egs. (2),
magnetic current j',VI (r, 8, ¢) excitesonly H modes.

Let usintroduce function U(r, 0, ¢) that isrelated to
the radial magnetic field component as

H.(r,8,¢) = Eb——+XEU(f 6, 9). ©)
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Then, the equation in (2) that specifies H modes takes
the form

0’ 4T
D—2+x5+ U 8,0) = S (8,0 ()
Cor
The tangentlaJ field components of H modes can be
written in terms of function U(r, 6, ¢) as

rHq(r, 8, ) = %

_ 1 0°U(r.8.9).
MO0 = Gne " a00r

rEo(r, 8, ¢) = é%%’%?_@

(E,(r, 6, ¢) = —ikpn‘w

We seek a solution to Eg. (4) in the form of the
expansion

U 8,0) = 3 S Rin(NYan(8,9).  (6)

n=0m=-n

Functions Y,(8, ¢) = Py (cosB)exp(imd) are the

eigenfunctions of operator A with P} (cos8) being the
associated Legendre functions, which are nonzero
when m < n. Functions R, (x,r) satisfy the inhomoge-
neous differential equation

0° n n+ 1
Eb_rz+xz ( r )Dan(er)

()
_ 4mP (0)305(r—r1)
(*)“v Anm r2
where g,,, = T(n + M)!/(2n + L)(n —m)!.

Equation (7) was derived by substituting expansion
(6) into Eq. (4), multiplying the obtained result
by Y.m(6, ¢), and integrating the product over angles ¢
and 6 from 0 to 2t and from 0 to 172, respectively. In

so doing, the orthogonality condition is taken into
account [15],

2m 2

J96 [ Yom(8, 9)Yin(6, $)SINBAO = GO0 O

where §; isthe Kronecker delta.

On the conducting surface (6 = 172), functions
P! (cosB) and (d/dB) P, (cosB) satisfy the following
relationships:

MN(n+m+1)/2)
r((n—-m+2)/2)’

Pa(0) = j—;cos%(n + m)H
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d —P/'(cosB)

de 0=12 (8)

m+1
2

_ . [Tt MN(2+n+m)/2)
T T In S”[é(“ m)}r((1+ n—m)/2)’

where I'(X) is the gamma function.

On the conducting surface of the resonator, field
component E, vanishes. As follows from Egs. (5) and
(8), this boundary condition is satisfied when the sum
of indicesn + mis even. Consequently, azimuth-homo-
geneous H modes (m= 0) with odd polar index n cannot
be excited in the resonator.

Function

Ra(Xvr),

Run(X) = 2

nm

which isasolution to differential equation (7), isfinite
at the center of the hemisphere and satisfies the radia-
tion condition at infinity. Function R,(x,r) depends on
source location r, and is defined as follows:

forry<ryg,

DT (Xdr)+A Jn(Xdr)’ r=rp
R = 05 )

DB hy”(Xer), r>rg;
forr, >ry,

AD]

In(Xar), r=r

Ry(Xu) =[ R

Tn(Xer)+Bn hn (Xdr)i r>r0'

Here, j(2 = /@23, ad hP (2 =

JTz2HW L, (2), where J,,., 15(2) and HLY 1, (2) are the

cylindrical Bessel function and Hankel function of the
first kind, respectively. Function

411 Jo o )
—————=h (XD JnXal), r<ry,
c 2.2

Hy /€y, KT]

TaXor) = mo

=2 XurhP ), 21
c 2.2

Hy /€y R KTY

describes the effect of the excitation source on the field
inside and outside the resonator. Amplitudes A" , A,
B(", and B’ of the fields excited by the magnetic
dipole are found from the boundary conditions of tan-

gential field component continuity on the surface of the
hemisphere, r = r,, and have the form

AD = [ (1y
n

Eelg Tn(Xaro)hn” (Xelo)
— JeateTa(Xar o) N (XeF o) 1/An(w),
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AP = e el Th(Xel )N (Xelo)
—Ta(XeFo) N (Xel o) 1/ J/Haldn(@),
BY = Han/Edl Ta(Xaro) in(Xaro)
—Tu(Xar0) Jn(XaF o) 1/ //Heldn(w),
BY = [eeMaTh(Xel o) in(Xalo)
— JEalteTa(Xel o) in(Xar 0) 1/Bn(w).

Expressions (9) for the amplitudes have the denom-
inator

9)

An(®) = JEqte]n(Xaro) NS (Xel o)

— Jeeain(Xar o) (XeFo)-

The prime by the cylindrical functions means differen-
tiation with respect to the argument. Solutions to the
equation

Ay(wy) =0 (10)

are eigenfrequencies wy, of the resonator [16]. Because
of radiation losses and dielectric losses, the eigenfre-

. - U H n
quencies of the resonator are complex, w, = W, —iw,

(wp = 0). The imaginary part of eigenfrequency w,
determines the damping constant of a mode with index
p. Ingeneral, each pth oscillation modeis characterized
by threeindices: n, m, and s. Polar index n specifiesthe
number of field variationsin polar coordinate 6 for azi-
muth-symmetric oscillations (m = 0). Azimuth index m
determines the number of field variations for azimuth
oscillations in ¢. Radial index s, which is the seria
number of the root of dispersion relation (10), is
responsible for the number of field variations in radial
coordinater.

At the same time, frequency w of the forced oscilla-
tions is real. When frequency w of the forced oscilla-

tionsis equal to the real part, w,, of one of the eigen-

frequencies, an amplitude resonance is observed. As a
result, the frequencies and polar indices of the forced
and eigen H modes of the resonator are equal to each
other.

After applyi ng the summation theorem [15],

P, (cosy) = z (n=

(n+

P "(cosB)P(0)exp(imd),

the field components of the forced H modes, which are
determined by relationships (3) and (5) in view of solu-
tion (6), take the form

H, = =53 n(n+1)(2n+ DR (X,1)P(cosy),

TECHNICAL PHYSICS Vol. 50 No.5 2005
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Fig. 2. Normalized (a) magnitude, |H,|/|H,|max Of compo- Fig. 3. Power density distribution of the Hag,; mode
nent H, of thefield and (b) power density of the Hzg,, mode excited by the source located at r, = (a) 3.7 and (b) 3.9 cm.

at the point with coordinatesr =3.9cmand 6 = ¢ = 174 vs.
the location of the source.

sinBcos¢, and vy is the angle between the source and
observation point (Fig. 1).
o ~ Thus, each of the modes of a hemispherical isotro-
He = cos6 COS(PXV z (2n+ 1)R. (X, )P, (cosy), pic dielectric resonator with a conducting base exhibits

T (n + 1)-fold frequency degeneracy in azimuth index m.
n=0 The mode degeneracy is aso observed for forced oscil-
ind o lations in the resonator excited by a radia magnetic
— iy SN - dipole.
Eg = - kuv— (2n+ 1) Rn(er)Pn(COSy)v
? L nZO The power density of the H modes excited at any
observation point is given by the relationship [17]
sin z ! ' = * *
¢ = _Trq)xv > (2n+ Ry (x.r)Pa(cosy), W = (&,E [E* +u,H [H* +cc)/i6m,
n=0 where the asterisk and c.c. mean complex conjugates.
. cosPcosd « ,
Ey = i kuvT¢ > (2n+ 1Ry(Xur)Py(cosy), NUMERICAL EXPERIMENT
n=0

Numerical simulations were performed with a
where P,(cosy) is the Legendre polynomial, cosy = Teflon (g4=2.04(1 + 1.7 x 107%), py = 1) hemispherical

TECHNICAL PHYSICS Vol. 50 No.5 2005



Fig. 4. Distribution of the H, component of the Hzg,,; mode
for the source located at r, = (a) 3.7 and (b) 3.9 cm.

resonator of radius ro = 3.9 cm placed on a perfectly
conducting plane. The resonator was surrounded by a
medium with g, = . = 1. Excitation of Hgg, OSCilla:
tions was considered. The resonator excitation effi-
ciency varied with distance of the magnetic dipole to
the resonator center (Fig. 2). The excitation was the
most efficient when the point of excitation (dipole’'s
position) coincided with the maximum of the resonator
eigenmode power distribution. Experimentally, this
means that the excitation efficiency depends on the
degree of coupling between the source and hemisphere.
In our numerical simulations, the coupling coefficient
was proportional to the radial distance between the
source and the maximum of the field distribution of the
corresponding whispering gallery mode.

The distributions of the power density and radial
field component of the Hs,q mode on the hemisphere
and on the conducting plane outside the dielectric are
shownin Figs. 3 and 4. This mode was excited at afre-

PROKOPENKO et al.

guency of 35.445 GHz. The Q factor of the resonator
thus excited is 5013.7. A (point) source was placed at
two points: one, with angular coordinates 6 = 172 and
¢ = 0and radia coordinater,; = 3.7 cm, coincided with
the maximum of the eigenmode power distribution; the
other, with the same angular coordinates and r, =
3.9 cm, lay on the surface of the hemisphere. Atr, =ry,
the energy of the mode excited concentratesin the form
of a belt close and pardld to the conducting surface
(Fig. 3b). Such afield distribution is typical of the azi-
muth mode with index m=n.

The maxima of the power density distribution for
the oscillation excited (Fig. 3) coincide with the max-
ima of the resonator’'s eigenmode power distribution
and are in the same radia plane where the source is
placed. The power density and field distributions
(Fig. 3) show abeltlike pattern, which is especialy dis-
tinct on the conducting surface. The belt passes through
the excitation point and pole of the hemisphere. Such a
distribution is typical of the azimuth-homogeneous
oscillation with index m= 0. By appropriately choosing
the source location, one can somewhat amplify a mode
with particular index m.

A similar field distribution is observed for mode
Hassmp- The only differenceisthat the efficiency of exci-
tation of this mode is much lower (Fig. 2) despite its
higher frequency (39.743 GHz). The unloaded Q factor
of the resonator for this mode is 498.65.

CONCLUSIONS

Forced oscillations in an isotropic dielectric hemi-
sphere placed on a perfectly conducting plane are stud-
ied. It is shown that a radial magnetic dipole excites
only H modes. Asfollows from the boundary condition
on the conducting plane, the sum n + mof the polar and
azimuth indicesfor the H modesiseven. Asaresult, the
forced, aswell as natural, H modes exhibit (n + 1)-fold
degeneracy in azimuth index m. Azimuth-homoge-
neous H modes (m = 0) with odd polar index n cannot
be excited in this resonator.

When the dipole radiation frequency approachesthe
frequency of a resonator’s eigenmode, an amplitude
resonance is observed. The radial magnetic dipole is
demonstrated to form a beltlike power distribution of
the whispering-gallery modes in the hemisphere—the
effect experimentally found in [13].
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Abstract—It is shown that the efficiency of pulsed electrode conditioning in avacuum, whichis estimated from
the state of the electrode surface, rises as conditioning pulses get shorter and may exceed the efficiency of con-
ditioning by dc breakdowns by two orders of magnitude or more. A criterion with which one can judge the
cathodic mechanism of breakdown initiation in the steady-state regime is suggested. Under optimal electrode
processing conditions (pulse width t, < 10728 s, field strength E, > 108 V/m), the ultimate diel ectric strength cor-
responding to the cathodic mechanism of breakdown initiation in a vacuum can be reached. © 2005 Pleiades

Publishing, Inc.

INTRODUCTION

The condition of the electrode surface has a pro-
nounced effect on the vacuum insulation quality.
Microprotrusions, loosely bonded particles, oxide
films, contamination, dielectric inclusions, and gas
bubbles present on the surface all influence the values
of prebreakdown current and breakdown voltage.
Training by breakdowns is the most popular method
of electrode conditioning, training by milli- or micro-
second pulses being little different in efficiency from
training by steady breakdown [1]. Application of
high-voltage nanosecond pulses cuts the number of
vacuum breakdown initiation mechanisms, leaving
the cathodic mechanism as the most plausible. In this
mechanism, Joule heating due to the passing field-
emission current causes the expl osive breakdown of the
emitter.

Joule heating of the emitter makesit possibleto con-
sider breakdown delay time ty as a function of electric
field strength E and physical constants of the emitter
material. The processing of electrodes by high-voltage
pulses whose width equals the breakdown time delay,
t, = ty, is the optimal regime of conditioning. Under
such conditions, the cathode surface is formed with the
lowest value of field amplification factor 3. Comparing
(at t, = const) analytical dependences of the time delay
on the field microstrength at the cathode, ty = f(E), with
experimental time delay versus macrostrength curves,
ty =T1(Ep), makesit possibleto estimate the efficiency of
optimal pulsed conditioning regimes from a change in
the state of the surface. The conditioning efficiency
may also be estimated from a change in the electrical
performance of vacuum insulation.

BREAKDOWN DELAY IN A VACUUM
Application of voltage pulses with a duration

t, <t, < h’pc/A (1)

(t, is the time of thermal relaxation; h is the emitter
height; and p, ¢, and A are, respectively, the density,
specific heat, and thermal conductivity of the emitter
material) reduces the boundary-value problem of emit-
ter temperature distribution [2] to the form [3]

O dT _ .o mT/2T* [F

C_ = I P = kT
PGt T leten(rrr2TR 0 @
Eﬂt:o = TO1 Tlt:td = Tcr'

where j, is the field-emission current density; k; is a
proportionality coefficient in the temperature depen-
dence of the resitivity of the emitter materia, k(T) = k;T;

T* istheinversion temperature, T* =5.67 x 10'E¢p~—Y2;
and ¢ isthe work function.

Equation (2) written in integral form [4],

ty

. c
[isat = al=, 3
0
0
where
. -2 X =TT, /T*
a = [Ci(x)_smx_gsm (X/zZ)}
X 2 (x/2)° Jlx=mryre
with

Ci(x) = —I&ysydy

X

1063-7842/05/5005-0642%$26.00 © 2005 Pleiades Publishing, Inc.
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represents a criterion of vacuum breakdown initiation.
According to this criterion, the energy sufficient to
break the emitter is released for atime that is equal to
breakdown delay timet, = t;. Quantity apc/k, isthe spe-
cific energy of emitter breakdown and is constant for a
given metal.

If the voltage pulses are rectangular, one can easily
express from (3) the time delay as a function of the
emitter breakdown specific energy, work function, and
electric field microstrength,

napc

ty = 4.2x 10 k—¢2exp{ —21.60™"3
0

4
. exp{1.32 x 10°9**E™} )

E4

OPTIMALITY CRITERION FOR PULSED
CONDITIONING

Electrode conditioning in the prebreakdown regime,
t, <ty isinefficient, since the energy isinsufficient for
emitter breakdown. The conditioning efficiency rises
with voltage pulse duration and reaches a maximum
when t, =ty (the critical breakdown-initiating condi-
tion). The conditioning by pulses with t, = t; smoothes
out the relief on the cathode surface and even polishes
itatt,<1ns[9].

Under the conditions of explosive electron emis-
sion, t, > ty, the pulse energy not only breaks the emitter
but also favors breakdown mechanism switching in the
electrode gap. The conditioning efficiency rises when
explosive emission current pulses narrow and reaches a
maximum (surface cathode polishing) as the pulse
width approachesthe critical valuet, =t,. The polishing
is observed for t, = 1 ns[6, 7].

The optimal regime of conditioning corresponds to
the critical condition t, = tg, when the pulse energy
breaks the emitter but cannot initiate switching. The
processing of the emitter by pulseswitht, =t; smoothes
out microprotrusions without generating new emission
centers. The optimal conditioning regime minimizes
the emitter surface roughness. In this case, the optimal-
ity criterion takes the form [8]

tp
[isoat = ale. (5)
0 0
According to (5), the energy being released in the
emitter for pulsetimet, = t; remains constant and equal
to the emitter breakdown energy. As the power of the
pulsesin the optimal regime grows, their width shrinks.
As the pulse width decreases, so do the distance the
thermal wave travels and the depth of emitter damage.
Accordingly, the conditioning efficiency risesup to pol-
ishing.
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Experiments on determining the breakdown time
delay in avacuum in which the emitter is processed by
pulses with t, = ty correspond to the optimal condition-
ing regime and make it possible to estimate the effi-
ciency of optimal conditioning regimes.

EMITTER SURFACE

The condition of the emitter surfaceis characterized
by electric field amplification factor . This factor is
classicaly determined from the transconductance of
the Fowler—Nordheim curve. In the case of pulses with
t, = tg, factor 3 can be found from the analytical depen-
dence of the time delay on the electric field micros-
trength t, = f(E) (see (4)) and the experimental depen-
dence of the time delay on the field macrostrength
ty = f(Eo).

Experimental data for the vacuum breakdown time
delay [9-14] were obtained for copper, aluminum,
nickel, molybdenum, and iron electrodes with a devel-
oped surface. The pulse width was varied from the sub-
nanosecond range to the millisecond range. Comparing
the experimental curves ty = f(Eg) with the calculated
curvesty = f(E) at t = const made it possible to estimate
the field amplification factor for these materials,

B = E/E, (6)

achieved after conditioning by pulses with t, = t4 and
construct the dependences of (3 on the time, B = f(t,),
and intensity, B = f(E), of optimal action.

Figure 1 plots the field amplification factor against
the pulse width t, = t4 for copper electrodes. The curve
B = f(t,) shows how the emitter surface quality varies
with duration t, = ty of processing pulses. From this
curve, it follows that, at t, < 10~ s, a decrease in the

B

103 -

Cu
H
102+
(]

10+

L)

1 1 1
10°° 1077 107 1,

Fig. 1. Field amplification factor vs. the duration of condi-
tioning pulses with t, = ty. Data points are taken from [5]

(@), [9] (0), [10] (»), [11] (0), and [12] (*).
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Fig. 2. Emitter surface conditioning efficiency vs. pulse
duration t, = ty. (O) Efficiency of raising the dielectric
strength oF the gap between all-metal electrodes [17] and
(@) the voltage of local glows in the gap between the evap-
orated electrodes[16].

pulse width and a corresponding increase in the pulse
power reduce 3 and improve the emitter surface quality.
At t, ~ 10 s, the run of the curve changes. At t, >
107 s, the width does not influence both the field
amplification factor and the emitter surface quality and
the efficiency of training by milli- and microsecond
pulses differs insignificantly from the efficiency of
training by dc breakdowns. Thisis in accordance with
the results of [1] and can be explained by cooling of the
emitter via heat conduction.

Considering that amplification factor 3, obtained at
t, > 107 s corresponds to training by dc breakdowns,

one can estimate the efficiency of pulsed conditioning
from the relative change in the emitter surface quality,

Kg = Bo/Bp, (7)

where (3, is the amplification factor after pulsed condi-
tioning.

Based on the curve 3 = f(t,), we can construct the
dependence of pulsed conditioning efficiency Kg on
pulse duration t, = ty in the optimal regime.

Experimental data for aluminum [9-12], molybde-
num [11, 12], nickel [5], and iron [13, 14] electrodes
were also fitted by the curvest, = f(E) calculated under
the assumption of explosive emission. In this way, we
estimated factor (3 for different conditions of training by
pulses with t, = ty and could construct the dependences
Kg = f(t,) for these materials. Figure 2 plots the varia-
tion of K against thetime of processing (i.e., inthe pro-
cess of conditioning regime optimization) and data
pointsfor the delay timefor Cu, Al, Mo, Ni, Fe, and Cr.

EMELYANOV

B
10° -
o Cu[5,9-12]
o Al[9-12]
* Mo [11, 12]
1021 < Ni [5]
o Fe [13, 14]
* W [15]
10- o Cr[l6]
<

1010
Eo, V/m

1
108 10°

Fig. 3. Field amplification factor after conditioning by
pulseswith t, =ty vs. the breakdown-initiating field macro-
strength.

From the curve K; = f(t,) (Fig. 2) generalizing the
available experimental data for the breakdown delay
time, it follows that the conditioning efficiency rises as
the pulse duration decreases and the pulse power
grows. At t, < 10°® s, the efficiency rises by afactor of
three or more. At t, < 109 s, the efficiency of pulsed
processing exceeds the efficiency of conditioning by dc
breakdowns by more than two orders of magnitude. In
the limit, conditioning with such pulses may result in a
perfectly smooth surface with B = 1. At t, > 10"’ s, the
pulse duration influences the training efficiency only
dightly and the efficiency differs little from the effi-
ciency of conditioning in the dc regime.

Achievement of a smooth emitter surface requires
not only the pulse duration in the subnanosecond range
but also ahigh electric field strength. Strength E, corre-
sponding to the optimal regime with t, = t; was esti-
mated by comparing the experimental, ty = f(E,), and
calculated, ty = f(E), curves at ty = const. The depen-
dence of amplification factor 3 on the macrostrength
(B = f(Ep)) that provides the optimal regime of condi-
tioning Cu, Al, Mo, Ni, Fe, W, and Cr electrodes[9-17]
isgivenin Fig. 3.

The unified dependence 3 = f(E) in Fig. 3 fitswell
the experimental data for processing of various materi-
as by pulses with t, = tq. This means that, under the
optimal conditioning regime, the field amplification
factor is independent of the electrode material and
depends only on breakdown-initiating electric field
macrostrength E,. From the curve 3 = f(E), it follows

TECHNICAL PHYSICS Vol. 50
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Fig. 4. Electric field macrostrength at conditioning by
pulses with t;, = ty vs. the electrode gap.

that 3 can be approximated by the power-law depen-
dence

(Eor™
EE;D o (8)

t =ty

[3:

where E,, = 1.32 x 10*°V/m.

Thecurve 3 =f(E,) was constructed using the exper-
imental data for electrodes with a developed surface
and gaps varying from 3 pm to 20 cm. Thus, in the
experiments, the change in the electric field by three
orders of magnitude (from 1.5 x 10’ < E, < 1.3 x
10%*°V/m) and the corresponding change in factor B by
three orders of magnitude were provided largely by the
change in gap d by five orders of magnitude. The
dependence of macrostrength E, that provides the opti-
mality of processing on gap d used in conditioning by
pulses with t, = ty is demonstrated in Fig. 4.

Fromthe curve E,=f(d) inFig. 4, it followsthat, for
d > 3 mm, the strength variesinsignificantly and equals
E, =2 x 10’ V/m. This value correspondsto pulse dura-
tiont, > 10" sand amplification factor 3, = 270, which
isreached when wide el ectrodes are processed in the dc
regime. Atd<1mmandt,<10%s, theincreasein the
strength to E, ~ 10'°V/m, which is accompanied by the
decreasein 3 nearly to the minimal value 3 = 1 and the
rise in the conditioning efficiency by more than two
orders of magnitude, was achieved by shrinking the
€l ectrode gap to a micrometer size.

Figure 5 plots amplification factor 3 obtained under
the optimal processing conditions against the electrode
gap used in experiments [5, 9-17]. From the curve 3 =
f(d) (Fig. 5), it can be concluded that, as the gap nar-
rows, the efficiency of conditioning by pulses with t, =

TECHNICAL PHYSICS Vol. 50 No.5 2005
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Fig. 5. Field amplification factor upon conditioning by
pulses with t; = t4 vs. the electrode gap.

tyrises; that is, B tendsto aminimum as the gap shrinks
to micrometer sizes.

Thus, the efficiency of pulsed electrode surface con-
ditioning in the optimal regime grows with decreasing
pulse duration and increasing field strength. Field
strength E; is raised by narrowing the electrode gap.
The most efficient regime of conditioning isobserved at
processing by pulseswith t, < 10 sand field strengths
E, >10® V/m. Such high values of E, are achievable in
gaps d < 1 mm. In micrometer-wide gaps a E, ~
10°V/m, processing of the electrode by pulses with
t, < 10 s produces a perfectly smooth surface with
B = 1. However, the fact that the emitter surfaceis per-
fectly smooth does not mean that the ultimate dielectric
strength of the vacuum insulation is reached, since
breakdown initiation mechanisms may change when
the voltageis applied for along time.

DIELECTRIC STRENGTH

In the steady-state regime, the cathodic mechanism
of breakdown initiation in the electrode gap comesinto
play when the electric field microstrength reaches the
critical value[18]

E = BE, = const. 9

Under the conditions of the cathodic breakdown-ini-
tiating mechanism, any action changing the emitter sur-
face condition changes field amplification factor (3 and,
accordingly, electric field E, and voltage U at which the
first breakdown occurs,

U OEJ 1/B. (10)

Optimized pulsed conditioning makes it possible to
bring the emitter surfaceto adesired quality. According
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to (10), adecrease in 3 is accompanied by an increase
in the dielectric strength and first-breakdown voltage
under the steady-state conditions of cathodic initiation.
Consequently, factor K, which characterizes a change
in the emitter surface condition, must be equal to a
changein the dielectric strength,

Ky = Uy/U,, (11)

where U, and U, are, respectively, the dc voltage of the
initial (after processing) breakdown and the steady-
state breakdown voltage before processing.

The criterion of the cathodic mechanism can be rep-
resented in the form

(12)

Comparing relative changes in the surface quality
and in the dielectric strength of vacuum insulation
eliminates a systematic error and improves the accu-
racy of determining the onset of the cathodic mecha-
nism compared with criterion (9). If Kg/K, # 1, break-
down is caused by other mechanisms.

Criterion (12) was tested in experiments where all-
metal copper electrodes (C = 1101t d = 0.5 mm) were
processed by rectangular pulses (10 < t; <800 ns, 1.5 x
107 < E, < 108 V/m) [19] and in experiments with com-
pound electrodes comprising a cathodoluminescent
screen coated by an evaporated microchannel Cr plate
(C =101, d = 0.9 mm) [16].

In the case of the all-metal electrodes, the efficiency
of pulsed conditioning in the optimal regime was esti-
mated from the relative change of the first-breakdown
voltage (i.e., from Ky); in the case of the compound
(evaporated) electrodes, from the relative change of the
voltage at which loca glows on the screen were
observed. In the latter case, the estimating parameter is

* = UX/US, (13)

where Uy and Ug are the voltages at which local

glows were observed, respectively, after and before
pulsed conditioning.

Screen glows are associated with the field emission
from the exit surface of the microchannel plate, i.e.,
with the cathodic mechanism, while the breakdown of
the gapsin the microchannel plate isdueto other mech-
anisms. That is why the dielectric strength remained
constant, E, ~ 107 V/m, irrespective of the pulsed con-
ditioning regime at t, = t,.

The data points for copper and chromium in Fig. 2
show the variation of the dielectric strength and the
local glow voltage with the pulse duration in the opti-
mal regime (K, = f(t,) and K* =f(t,), respectively). For
both the all-metal and evaporated electrodes, adecrease
in the duration of conditioning pul sesimprovesthe per-
formance of the vacuum insulation due to cathodic pro-
cesses. The experimental curves K = f(t;) and K* =

EMELYANOV

f(t), which reflect the variation of the dielectric
strength and screen glow voltage at conditioning by
pulses with 10 < t, < 800 ns and 1.5 x 10" < E, <
108 VV/m, coincide with the curve Kg= f(tp), which char-
acterizes the change in the emitter surface condition
after processing in the optimal regime. When the field
amplification factor decreases twofold as a result of
emitter conditioning by pulseswitht, ~ 102 sand E, ~
108 V/m, the dielectric strength of the gap in the all-
metal electrodesincreasestwofold and so doesthelocal
glow voltage in the case of the evaporated electrodes.
This coincidence indicates that cathodic processes ini-
tiate the breakdown (for the all-metal electrodes) and
local screen glows (for the evaporated electrodes), sup-
porting the validity of criterion (12). Conversaly, the
independence of the dielectric strength of vacuum gaps
between the evaporated el ectrodes from the pul sed con-
ditioning regime leads us to infer that the breakdown-
initiating mechanism is other than field emission in this
case.

The conditioning of stainless steel Rogowski €lec-
trodes (S= 100 mm?, d = 0.12 mm) by pulseswith t, =
ty = 10ns made it possible to reach the dielectric
strength E, = 2.1 x 108 V/m, which is close to the ulti-
mate value obtained on molybdenum electrodes after
long-term heating and conditioning in an argon glow
discharge [20].

The run of the curve Kg = f(t,), which describes the
improvement of the emitter surface quality with a
decrease in the duration t, = t4 of conditioning pulses,
suggeststhat, basically, the diel ectric strength observed
at the cathodic mechanism of breakdown initiation may
be more than two orders of magnitude higher than in
the case of dc (steady-state) conditioning. However,
when the ultimate dielectric strength is attained in the
steady-state regime, the effective breakdown-initiating
mechanism may change. If Kg/K, # 1, the criterion sug-
gested may be used for estimating the ultimate dielec-
tric strength achievable at the cathodic mechanism of
breakdown initiation.

CONCLUSIONS

Optimization of pulsed electrode conditioning in a
vacuum was considered, and the efficiency of the opti-
mal regime was estimated. The efficiency of emitter
surface conditioning by pulses with t, = t; estimated
from the relative change in the emitter surface quality
(Kg = f(ty)) in experiments on determining the break-
down delay timerises with adecrease in the pulse dura-
tion and may exceed the efficiency of conditioning by
dc breakdowns by more than two orders of magnitude.
In the optimal regime (t, < 109 s, E; > 10'°V/m), the
emitter surface may become perfectly smooth with field
amplification B = 1. To attain an electric field strength
on theorder of E, ~ 10'°V/m, the vacuum electrode gap
should be shrunk to micrometer sizes.
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In he case of the cathodic breakdown-initiating
mechanism, a change in the emitter surface condition
goesin parallel with achangein the dielectric strength
of the insulation. This circumstance is used to suggest
anew criterion for the cathodic initiation of breakdown.
Thiscriterion wastested experimentally in the nanosec-
ond range of pulse durations for all-metal and evapo-
rated electrodes with a developed surface. Application
of pulseswitht, <10® sand E, > 108 V/m for electrode
conditioning makes it possible to estimate the ultimate
dielectric strength achievable at cathodic breakdown
initiation.
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Abstract—Main medicinal preparations (MPs) administered by injections into a joint cavity are studied by
means of electret—-thermal analysisand tribometry. In the latter case, the MPs are used as lubricantsin afriction
pair (amodel of an artificial joint) exposed to an el ectromagnetic field simulating the biological field. Changes
in the thermally stimulated current spectra from the M Ps exposed to the electromagnetic field and those in the
friction coefficient of the pair provide a deeper insight into the physicochemical mechanisms of MP action.
Comprehensive tests of MPsinvolving el ectret—thermal and tribological analyses may be of great practical sig-
nificance for optimizing local treatment of diseased joints. © 2005 Pleiades Publishing, Inc.

INTRODUCTION

Of the variety of approaches to the treatment of
patients with diseases or injuries of joints, injections of
medicina preparations (MPs) directly into the joint
cavity are considered to be the most effective [1, 2].
MPs are chosen individually with due regard for the
general state of the patient, anamnesis, and the course
of disease. Due to recent advances in pharmacology, a
broad range of MPs for treating joint diseases is avail-
abletoday [3]. For example, antibiotics and corticoster-
oid drugs are used to suppress inflammation, and pro-
gressing cartilage destruction with degenerative or dys-
trophic processes in the joints is treated by means of
MPs functioning as protectors and lubricants, i.e., Sim-
ilarly to the natural synovia fluid. Being injected into
the joint cavity, MPs not only exert adirected therapeu-
tic effect but also, mixing together with the synovial
fluid, qualitatively change its biomechanical properties,
primarily the lubricating ability. Preparations with the
same pharmacological mechanism of action may have
different effects on the parameters of friction injoints.

Asdoes any biological system, the tissues of ajoint
generate electromagnetic field (EMF) and respond to
its action [4, 5]. The EMF energy influences the tissue
structure and biophysical mechanisms governing the
specific functions of the synovial fluid [6, 7]. There are
reasons to believe that the electrophysical and biome-
chanical properties of MPsinjected into the joint cavity
are interrelated, and elucidation of this relation may
help to optimize the treatment of joint diseases.

The purpose of this study is to perform for the first
time tribological “monitoring” of some MPs routinely
used in rheumatological and orthopedic practice and to

reveal the interplay between their tribological and
polarization parameters.

INVESTIGATION METHODS

We experimented with MPs of different pharmaco-
logical groups (table) chosen by the following criteria:
knowledge of the procedure of treatment among prac-
ticing physicians, accessibility, and pronounced clini-
cal effect.

For the test conditions to be as close to the friction
in anatural joint as possible and for a greater accuracy
of measurements, we used a pendulum-type tribometer
with asingle (test) friction pair. The coefficient of fric-
tion was estimated from the logarithmic decrement of
damping of pendulum’s oscillations. The friction pair
consisted of a grooved plate made of superhigh-molec-
ular-weight polyethylene certified for orthopedic appli-
cations and a pendulum installed on a trihedra prism
made of 12Kh18N9 chrome-nickel steel. The base
(bearing) of the prism was rounded with a radius of
2 mm. The load created in the contact zone by the 2-kg
pendulum moving at a (diding) rate of 1.0 m/s was
equal to the average physiological load on the human
knee joint. To simulate the biophysical field of ajoint,
the bearing of the pendulum was placed into a solenoid
(the outer diameter 21 mm, 600 + 2 coils of 0.07-mm
copper wire) connected to adc power source. The mag-
netic field intensity at the friction surface averaged
1.2 kKA/m, being within the optimal range of magnetic
field intensities used in joint magnetotherapy [8].

To estimate the polarization of MPs as pseudoel ec-
trets consisting of coordination-bonded polar groups,

1063-7842/05/5005-0648$26.00 © 2005 Pleiades Publishing, Inc.
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Medicinal preparations used in the study
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Manufacturer M echanism of action

Name Composition

Hydrocortisone | Hydrocortisone acetate, 125 mg;
lidocaine hydrochloride, 25 mg

Kenal og-40 Triamcinolone acetonide, 40 mg;
benzyl alcohol, 9.9 mg

Dyprospan Betamethasone dipropionate, 6.43 mg;
betamethasone sodium phosphate, 2.63 mg

Lincomycin Lincomycin hydrochloride, 30% solution

hydrochloride

Synvisk Hylan A and Hylan B, 8.0 mg/ml

Hyalart Hyaluronic acid in 0.9% sodium
hydrochloride solution, 2 ml

Diasynol 1.5% carboxymethylcellulose sodium
salt and 1.0% Tecon-20 in 0.9% sodium
hydrochloride solution

Gedeon Richter AG, Hungary Antiinflammatory

Bristol-Myers Squibb SpA, Italy
Shering-Plau, Germany

Borisov Pharmaceutical Plant, Antimicrobial

Belarus
Biomatrix, Inc., United States

Synovial fluid substitute
Bayer AG, Germany "

Belbiofarm Plant of Diagnostic
and Pharmaceutical Preparations,
Belarus

they were subjected to el ectret—thermal analysis (ETA).
A 0.2-ml sample of an MP was placed on a degreased
brass electrode and covered by an insulating Teflon
spacer, on which the second electrode was placed. Dur-
ing heating of the sample at arate of 5°C/min, acurrent
of about 102 A was detected in the electrode circuit.
The spectra of these thermally stimulated currents
(TSCs) were mathematically processed (digital filtra-
tion with the Origin 5.0 application program) and dis-

played as I(T) plots.

RESULTS AND DISCUSSION

Tribometry data showed that, all other conditions
being equal, theinitial value of friction coefficient i, in
the test pair depends on the chemical composition and
density of the MP,

Thelowest value of |, was observed for Hyalart, the
synovial fluid “endoprosthesis’ (substitute), which is
used mainly for treating the degenerative joint disease.
Synvisk, another MP of the same group, had higher 1,
and, therefore, was inferior to Hyalart as a lubricant.
Differences in their lubricating ability could be found
visually when the sample was placed in the tribometer.
Synvisk, a thick viscous gellylike substance, did not
spread over the bearing and was unevenly distributed in
the groove even after unloading. Hyalart, being more
watery, uniformly wetted the friction surface made of
extremely hydrophobic superhigh-molecular-weight
polyethylene, thus favoring sliding of the pendulum. 1t
appears that the clinical effect of treatment with Syn-
visk [9] is due to its viscoelastic properties (providing
for cartilage protection against peak mechanical |oads)
and stimulation of synovial fluid production, rather
than to improved conditions for sliding in the joint.

Diasynol is another substitute of the synovial fluid
that was prepared by Belarussian scientists[7]. Its con-
sistency is similar to that of Hyalart. The formula of
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Diasynol includes thermotropic liquid-crystal choles-
terol compounds, which makesit agood lubricant [10].

Steroid MPs with a strong antiinflammatory effect
(Kenalog-40, Dyprospan, and Hydrocortisone) have
high |, Thismay be attributed to the fact that these sus-
pensions are subject to phase separation immediately at
the instant they are drawn from ampoules with a
syringe. Inthe ascending order of thetime of crystalline
residue formation upon drying, these MPs are arranged
as Hydrocortisone < Kenalog-40 < Dyprospan. The
highest friction coefficient was observed for Hydrocor-
tisone. This MP exhibited rapid phase separation fol-
lowed by the displacement of the liquid phase from the
contact zone (groove) of the friction pair, whereupon
the remaining coating consisted mainly of the crystal-
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Fig. 1. Time variation of friction coefficient p in experi-
ments with MPs exposed to the EMF in the friction pair of
the tribometer: (1) Hydrocortisone, (2) Kenalog-40,
(3) Dyprospan, (4) Lincomycin, (5) Synvisk, (6) Hyalart,
and (7) Diasynol.
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line phase acting as an abrasive rather than as a lubri-
cant. A similar picture was observed when the bearing
of the tribometer was lubricated with Kenalog-40.
Dyprospan, asuspension of finer particles with amark-
edly lower sedimentation rate, had a relatively high
lubricating ability.

Lincomycin hydrochloride, an antibiotic prescribed
in cases of inflammation caused by bacterial infection,
is prepared in the form of a saline solution, which rap-
idly crystallized in the course of tribometry. One may
suppose that Lincomycin, being mixed with the syn-
ovia fluid in vivo, will not have a high abrasive effect
on the articular surfaces, since it contains no water-
insoluble components and readily entersthe circulatory
system through the synovial membrane.

Figure 1 shows the time variation of the friction
coefficient in the EMF for different MPs. In the case of
Hyalart and Dyprospan, the exponential decrease in
this coefficient is apparently due to a high sensitivity of
their polar groups to the EMF and ordering of these
groups aong the lines of force, which may improve the
lubricating properties.

As was noted above, the friction coefficient in the
case of Diasynol is low, because a liquid-crystal layer
with ahigh shear strength formsin the contact zone[7].
EMF-induced ordering raises the lubricating ability of
this layer, lowering p still further.

The lubricating ability of Kenalog-40 and Hydro-
cortisone exposed to the EMF remained the same, pre-
sumably because of alow sensitivity of their large and
heavy particles to the field. Yet, these MPs respond to
the field, indicating that they incorporate polar groups
and electrically nonequilibrium structures.

The above differences can be explained on the basis
of specific electrophysiological properties noticed in
the course of ETA. We managed for thefirst timeto take
and identify the TSC spectra of MPs administered by
injectionsinto the joint cavity. The phenomenon of the
quasi-electret state was previously demonstrated for
biological protein systems, such as blood [11] and syn-
ovia fluid[12]. Theresultsshownin Fig. 2 confirm that
the quasi-electret state is also characteristic of the
above MPs.

In the experiment with Hyalart (Fig. 2f), three TSC
peaks were recorded: a low-temperature peak at 30°C,
a medium-temperature peak at 85°C, and a high-tem-
perature peak at about 140°C. We assign thefirst one to
the generation of charge carriers upon thermal destruc-
tion of hydration sheaths around the polar groups of
hyaluronic acid molecul es. The medium- and high-tem-
perature peaks seem likely to arise because of the
decomposition of supermolecular structures and the
thermal destruction of the molecules themselves. The
guasi-€electret properties of the biopolymer components
entering into Hyalart suggest their increased sensitivity
to the EMF; in particular, the field may pass these com-
ponents to atribologically optimal state.
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The quasi-electret state is also characteristic of Syn-
visk (Fig. 2e), but its TSC spectrum has only one high-
temperature peak (=115°C). Apparently, its biopolymer
components are characterized by a low polarity, poor
ability to form coordination compounds with water
molecules, and low sensitivity to the EMF under fric-
tion. This is confirmed by the degradation of Synvisk
lubricating ability under the EMF in the tribological
experiment (Fig. 1).

The TSC spectrum of Diasynol (Fig. 2g) has one
low-temperature peak (=50°C) reflecting a heat-
induced reconfiguration in the liquid-crystalline phase,
the basic lubricating component of this MP. This corre-
lates with the behavior of the friction coefficient for
Diasynol inthe EMF (Fig. 1, curve 7): p decreases pro-
portionally to the time of EMF influence on the lubri-
cating coating. The liquid-crystal cholesterol com-
pounds seem likely to reconfigure into a tribologically
optimal structure under the action of the field.

Unlike Hydrocortisone and Kenalog-40, not exhib-
iting the quasi-el ectret effect, Dyprospan has two peaks
in the TSC spectrum: at 90 and 130°C (Fig. 2c). They
are accounted for by thermal destruction of two types of
betamethasone derivatives (table). Presumably, the pat-
tern of TSC spectra for steroid antiinflammatory MPs
depends on the polarity and binding energy of their
molecular components: the higher their polarity, the
more probable the coordination interaction between
these components and, consequently, the more pro-
nounced the quasi-electret properties of these MPs.

No TSC appears in the Lincomycin hydrochloride
solution upon heating (Fig. 2d), because this MP con-
tains no polarized molecules and molecules capable of
forming coordination structures.

CONCLUSIONS

A comprehensive analysis of basic MPs adminis-
tered by injections into the synovia joints has con-
firmed the hypothesis for a correlation between their
lubricating ability and coordination bonding between
their components, which impart quasi-electret proper-
ties to these substances. The reparations containing
EMF-sensitive components are the best lubricants, irre-
spective of the pharmacological groups they belong to.
The presence of such electrically nonequilibrium struc-
turesin these substances has been established by means
of ETA and is described for the first time. In our opin-
ion, further experimental studies on the tribological
properties of preparations administered in thisway will
help to optimize methodological approaches to the
treatment of joints. A compromise between electret—
thermal research and tribological analysis, which is
routine in mechanics but new in medicine, would allow
specialists to produce new-generation MPs optimally
combining a specific therapeutic effect with a good
[ubricating ability.
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Abstract—The nonlinear excitation of low-frequency oscillations in the case when an ion flux is radially
injected into the drift chamber where a tubular relativistic electron beam propagates is studied. A mechanism

behind low-frequency ion oscillationsis discussed. © 2005 Pleiades Publishing, Inc.

INTRODUCTION

Low-frequency (LF) ion oscillations play a great
part in the dynamics of high-current relativistic electron
beams (REBs) of long duration (a microsecond or
more). These processes are the most pronounced in
plasma-assisted microwave oscillators (e.g., plasma
anode vircators [1], pasotrons [2, 3], and ion-drag
accelerators[4]). In plasma-anode vircators, intenseion
fluxes are generated directly at the anode. Depending
on the acceleration mechanism in ion-drag accelera-
tors, theions may enter the operating system in thelon-
gitudinal direction (Luce diodes); be generated in the
operating space viaresidual gasionization; or enter the
drift chamber in the radia direction from the edge
plasma sheath, which forms when a part of the REB
strikes the side wall of the drift chamber [5]. In anion-
drag accelerator based on space-time REB modulation
[5], the edge plasma acts as a source of ions moving in
the radial direction. When moving in the field of a spa-
tial REB, the ions execute radial oscillations, which, in
turn, generate LF oscillations of the electric field and
ion density. Eventually, there arises aneed for LF mod-
ulation of the REB, which is the case in the collective
method of acceleration [5]. In thiswork, using asimple
physical model, we study mechanisms behind LF ion
oscillations when the ion flux is radially injected into
the space of REB propagation.

PROBLEM DEFINITION AND BASIC
EQUATIONS

Let atubular REB of inner radiusr; and outer radius
r, propagate in an infinitely long cylindrical metallic
drift chamber of radiusa. The entire system isplacedin
a magnetic field. The beam electrons are magnetized,
and the effect of the magnetic field on theion motionis

neglected. The latter implies that the condition
Ho

4mn

is satisfied. Here, ny, is the REB density, M isthe ion
mass, H, is the applied magnetic field strength, and cis
the speed of light. It is easy to check that inequality (5)
ismet in the experiments performed in [5].

Let j;(t) be the density of the radial ion flux on the
surface of the drift chamber (r = a). Under the action of
forces dueto the space charge of the beam, theionswill
execute radial oscillations. The electric field of the
space charge will be written under the assumption that
the density and velocity of the beam are given. The
dynamics of the ionic component will be described on
atotally self-consistent basis. Theradial electricfield of
the space charge of atubular REB is given by

21,1
v.aR

NeM ¢ >

E =

F(R),

wherel, isthe REB current, v, isthe REB velocity, and

[ﬂl RZRZ

ERZ_Rf r Iy
FR) = 05—, R,>R2R, R=1, R, =12

OR,—R; a

Ep, R<R,.

The field of the ion space charge will be described
interms of Lagrangean variables. The charge density of
an infinitely thin cylindrical ionic sheath entering into
the drift chamber at timet, is given by

O(r —r.(t to))

dpi = II(tO)dtO 2T[r|_(t tO) ’

1063-7842/05/5005-0653$26.00 © 2005 Pleiades Publishing, Inc.
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Fig. 1. Time dependence of the potential at the outer boundary of the tubular REB for different values of theion current. I, = 4.6 KA,
E.=280keV, Ej=25keV,r;=14cm,r,=1.7cm,anda=15cm.

where I; = j;(tp)2ma is the total injection current of the
ion flux per unit length of the system and r(t, ty) isthe
trajectory of an ionic sheath entering into the drift
chamber at timet = t; (r (o, to) = a).

The radial electric field produced by an infinitely
thin ionic sheath is described by the equation

1d _ O(r—r(t,t5))
rdrrESr = 21;(tp)dt, )
from which we obtain
21, (ty)dt
Esr = —'ro———gX(r_rL)- (1)

An expression for the total electric field isfound by
integration of (1) over the injection time,

t

2l
E= TJ’qJ(to)X(r_rL(t’ to))dto, (2
0
where
0L, x>0
X(x) = Ep <0

is the unit Heaviside function.

The ion current can be represented as I; = 15;W(ty),
where W(t,) is a function that takes into account the
shape of the injected ion current pulse (maxW¥(ty) = 1).

The dimensionless set of equations for the ion
motion in the self-consistent field of theion flux and in
the field of the tubular REB hasthe form

dZRL+iF(R) = ETLp(r') (Ri-R)dt,,  (3)
R, - _RL{ X{FL TR o

dr?

where T = wyt isthe dimensionless time,

o = ¢ [2mlec
7 af M l,v,

is the characteristic ion oscillation frequency in the
electric field of the REB space charge, ¢ isthe speed of
light, |, =17 KA,

_love
lp Wy’

R. =R/(T, 1p), and mis the electron mass.
The boundary conditionsto Eq. (3) are asfollows:

_ dR _
R(ToTo) =1, — = —Uy;,
T |r=1,
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Fig. 2. Phase portraits of theions at t = (a) 19.2, (b) 23.5, (c) 107, and (d) 156 ns. Ig; = 70 A/cm.

where Uy = Vvglawy, is the dimensional initia radial
velocity of theions.

Knowing ion trajectories R (T, 1p), one can find the
dimensionless potential in the drift chamber by the for-
mula

T

|
iq)z = —iﬁIdTOL(R, RL(T1TO))’ (4)
mc OIA0
where
0nR, R>R_
LIRR) =[O
OnR., R<R.

ANALY SIS OF NUMERICAL RESULTS

Equations of motion (3) and €electric potential (4)
were obtained numerically for different ion injection
currents. The REB parameters were fixed: |, = 4.6 kA,
electron energy E, = 280 keV, REB inner radius r; =
1.4 cm, and REB outer radiusr, = 1.7 cm. To be defi-
nite, we considered hydrogen ions. The initia ion
energy was E; = 25 keV; the drift chamber radius, a =
2.5 cm. Theion current injected into the system is con-
stant, W(tp) = 1.

TECHNICAL PHYSICS  Vol. 50

No. 5 2005

Figure 1 shows the time dependence of the potential
at the outer boundary of the beam for threevalues of ion
current I (A/cm). For the low-current ion flux (I =
70 A/cm), oscillations are excited roughly 80 ns after
the beginning of injection. For the high-current flux
(Io; =400 and 1000 A/cm), oscillations start well before
than in the case of low-current flux. For theion current
values, the oscillations decay with time. The decay time
and the steady-state level are almost independent of the
ion flux current. At the high currents, the time behavior
of the LF oscillations is the nearly the same. To gain
greater insight into the behavior of the LF oscillations
at different ion flux currents, let us turn to phase por-
traits (v,/c, r) of the ions, where v, is the ion radial
velocity.

Figure 2 shows the phase portraits of theionsfor the
low-current beam. From the very beginning of injec-
tion, theions movein thefield of the REB space charge
toward the axis of the system. After crossing the axis,
the ion flux is divided into convergent and divergent
radial fluxes. At the axis of the system, their velocities
are equal in magnitude and opposite in sign. The decel-
eration of the ions in the self-field of the space charge
near the axis decreases the velocities of the fluxes at the
axis. Eventually, at t = 19.3 ns, the vel ocities of the con-
vergent and divergent fluxes at the axisvanish (Fig. 2a).
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Because of the continuing deceleration of the conver-
gent flux, the point where the incident flux stops
becomes displaced from the axis. The ions that are
between the axis and the stopping point are accelerated
and give particles to the divergent flux. As aresult, a
three-stream flux forms at the axis on the phase plane:
two divergent fluxes and one convergent flux (Fig. 2b).
Having approached the drift chamber, the ions of the
divergent fluxes leave the system and the particles of
the convergent flux are accumulated at the axis, causing
arapid growth of the potential. Subsequently, the ions
of the divergent fluxes produce a bunch, which raises
the potential at the site of ion flux injection when
approaching the chamber edge. Eventually, at t = 74 ns,
avirtual ionic anode (VA) arisesin theion flux injected.
This cathode is nonstationary. The transmitted and
reflected currents make its position oscillate with afre-
guency that is much higher than the potential oscilla-
tion frequency. The ion bunch is partially lost at the
wall of the drift chamber, while the rest of ions reflect
from the potential barrier and start moving toward the
axis of the system (circulation in the phase plane). The
potential reduces again, and the VA disappears. Thecir-
culation of the ion bunch is accompanied by ion losses
at thewall of the drift chamber and simultaneously give
rise to new bunches. The ions near the wall (a part of
which leaves the system) and the continuously injected

ions produce a potential barrier near the wall. At the
same time, the ions that are permanently present near
the axis produce a potential barrier at the center of the
drift chamber.

lon losses at the wall are compensated for by an
increase in the emission current from the ionic VA.
These processes go in parallel with the LF oscillations
of the electric potential. The circulation of the bunches
in the phase plane, which is accompanied by a continu-
ous generation of new bunches (bunch disintegration),
causes the formation of a complicated multistream flux
(Figs. 2c and 2d) and, eventually, turbulizes the radial
ion flux. This turbulence is the reason for the phase
mixing of the particles and for the decay of the coherent
ion oscillations of the potential. The steady state is
established, which is characterized, for example, by a
constant number of ions in the system. The ion flux
toward the wall is counterbal anced by the flux from the
stationary VA, which is invariably present at the wall
(Fig. 2d).

In the case of the high-current ion beam (I =
400 A/cm), an ionic VA forms very rapidly and is then
present al the time. The phase portraits for the high-
current ion flux, which are shown in Fig. 3, aretaken at
time instants when the first two maxima and minima
appear in the time dependence of the potential. The
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boundaries of the tubular REB correspond to r; =
1l.4cmandr,= 1.7 cmon the abscissa. The first maxi-
mum of the potential (t = 10.6 ns) appears at the stage
of bunch formation, when most of the ions are inside
the REB. At the time of potential minimum (t =
17.2 ns), two bunches are distinctly seen in the phase
plane, with their major part being outside the REB. The
particles of the bunches are partially lost at the walls.
The circulation of the bunches causes them to shift
toward the center of the drift chamber (Fig. 3c) and
increases the REB potential. At t = 25 ns, the potential
at the REB outer boundary reaches a maximum. At the
time of the second minimum (t = 32 ns), the bunches
are on the circumference again and some of theionsare
lost at thewall. It should be noted that the escape of the
ions from the drift chamber is accompanied by an
increasein the ion current entering into the system and,
accordingly, by a decrease in the VA-reflected ion cur-
rent. The phase mixing of the particles results in the
steady state, asin the case of the low-current beam.

CONCLUSIONS

We considered the excitation of LF ion oscillations
when an ion flux is radially injected from the drift
chamber wall into the space where a high-current REB
propagates. For a low-current ion current (I, =
70 A/cm), an ionic VA at the wall does not form and a
two-stream flux arises. The interaction of the ion fluxes
opposing each other results in the formation of ion
bunches, which, when circulating in the phase plane,
continuously disintegrate. Eventualy, the accumula
tion of theionsin the system generatesan ionic VA near
the lateral surface. The reason for the occurrence of the
LF oscillationsistheformation of ion bunchesand their
coherent radial oscillations in the potential well. The
decay of the LF oscillations is associated with bunch
disintegration during the radial oscillations of the
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bunches and also with the phase mixing of the ions.
Ultimately, the steady state is established, which is
characterized by a constant number of ions in the sys-
tem. Theion losses at the wall are compensated for by
the ions injected into the system from the VA.

In the case of high-current ion fluxes (I = 400 and
1000A/cm), aVA formsvery rapidly. The pattern of LF
oscillations under the VA conditions is virtually inde-
pendent of the ion injection current. The fact is that an
ionic VA is an emitter whose current is limited by the
space charge. The transmitted ion current depends on
the REB current and the dimensions of the drift cham-
ber. When theion flux current is high, the time taken to
establish steady-state oscillations is significantly
shorter and the oscillation amplitude is higher than in
the low-current case.
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Abstract—A ZnS: (In, Cu, Cl) electrophosphor that emits with an almost constant spectral density at wave-
lengths A intherange 550 < A < 750 nm and aZnS: In photophosphor exhibiting the same property in the range
500 < A < 700 nm are prepared. © 2005 Pleiades Publishing, Inc.

Doping of ZnS by various impurities makes it pos-
sible to obtain electrophosphors emitting in the green,
red, blue, and other parts of the spectrum [1, 2]. Super-
position of these emissions allows creation of an elec-
troluminescent white indicator. However, today, the
problem of a phosphor material whose spectrum con-
tains three basic colors, which, when combined, give
white light, still remains on the agenda. A much more
challenging problem in this field is to find a radiation
source offering a continuous spectrum with a constant
spectral density throughout the visible range. Solving
this problem would make it possible to remedy a num-
ber of engineering bottlenecks arising in designing
light-absorbing and light-emitting devices[1, 3]. Inthis
paper, we report on electroluminescence from a ZnS :
(In, Cu, Cl) powder with a constant spectral density in
the range 550-750 nm and photoluminescence from
ZnS: In powder with a constant spectral density in the
range 500—700 nm.

Doping of as-prepared ZnS powders was carried out
by thermal annealing under a low air pressure in the
presence of metallic In and CuCl for 3 h at 800°C [4].
After annealing, the powders were passivated in air for
30 h.

The luminescence spectra were recorded with a
KSVU-23 instrument at room temperature. Photolumi-
nescence (PL) was excited by radiation froman LGI-21
nitrogen laser (A = 337.1 nm), and electroluminescence
(EL) was excited by applying asinusoidal voltage (U =
250V, v = 5000 Hz). The electroluminescence proper-
ties were studied on electroluminescent indicators
(ELIs) prepared by the standard powder phosphor tech-
nology [1].

Figure lashowsthe PL spectrataken of theZnS: In
powder before and after passivationinair. The PL spec-
trum of the unpassivated ZnS : In (curve 1) contains at
least three bands with peaks at A, = 515, 600, and
640 nm. The origin of the luminescence band with a

peak near 515 nmisunclear. In [2, 5], it is attributed to
oxygen and copper impuritiesin zinc sulfide. In[6], this
band (A« = 515 nm) is associated with the radiation
from self-activated ZnS and with the formation of anion
vacancies in the sulfur sublattice. As for the band with
Amax = 600 nm, Morozova and Kuznetsova [2] assign it
to the presence of intrinsic In, which enters into ZnS
without the help of activators and coactivators.

eenq? | I I I 1 1
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i (b)
4
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A, nm

Fig. 1. (@) PL spectraof the ZnS powder annealed at 800°C
in the presence of metallic In (1) before and (2) after passi-
vation in air and (b) EL spectra (U = 250V, f = 5000 Hz)
from the ELI made of the ZnS : (In, Cu, Cl) powder (3)
before and (4) after passivation in air.
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It can be seen from Fig. 1a that exposure of the
ZnS: In powder to air leads to the formation of a pla-
teau extending from 500 to 700 nm (curve 2); i.e., the
spectral density of luminescence in this range becomes
amost constant (within 8%). Thus, the passivation of
the In-doped ZnS powder in air (oxygen seemslikely to
be a key passivating agent) causes either or both addi-
tiona luminescence lines to emerge in this wavelength
range and the already existing linesto broaden (or over-
lap to a greater extent). In any of the cases, additional
energy levels are assumed to be involved in radiative
recombination that earlier (before passivation) partici-
pated in nonradiative transitions or were absent at all.

The situation with EL is dightly different. While
annealing of the ZnS powder in the presence of In, as
well as subsequent passivation, does not lead to any
tangible signs of EL, combined doping of zinc sulfide
by metallic In and CuCl |leads to the emergence of EL
bands. Figure 1b (curve 3) shows the EL spectrum of
the EL | taken prior to passivation of the phosphor in air.
The spectrum consists of bands with A, = 450 and
530 nm, which were repeatedly reported in the litera-
ture [2, 5-7]. These bands were attributed [2, 5, 7] to
copper impurity in ZnS. As for the case of PL in
ZnS: In, passivation in air causes considerable changes
in the EL spectrum. Curve 4 in Fig. 1b shows the EL
spectrum for the ELI made of air-passivated ZnS: (In,
Cu, Cl) powder. The main feature of this spectrum isa
plateau covering the 550-750 nm range, where the
intensity remains constant within 5%. Note that our
objective was to study EL in the visible range; for this
reason, the long-wave edge of the 550—750 nm plateau
in the EL spectrum should be refined.
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The results obtained here are certainly insufficient
that final conclusions are drawn. Sound interpretation
of such nontrivial luminescence characteristics of the
powders studied calls for further investigation. How-
ever, our findings indicate the possibility of preparing a
continuous-spectrum ZnS : (Cu, Cl, In) electrophos-
phor with a constant spectral density in the range 550 <
A <750 nmand aZnS: In photophosphor with the same
luminescence propertiesin the range 500 < A < 700 nm.
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Abstract—The energy relationships in the macroscopic electrodynamics of an insulator are analyzed with
regard to the polarization relaxation time distribution. Expressions for the discharge power and discharge
energy flux densities in an insulator are derived for an electric field exponentially depending on time. The
performance of polyethylene terephthal ate in capacitive energy storage systemsis estimated in terms of energy.

© 2005 Pleiades Publishing, Inc.

To perform comparative analysis of insulators used
intoday’s capacitive energy storage systems, the author
has derived the relationships between stored energy
W, released (effective) energy W, and lost energy W,
of the electric field under the condition of the Debye
mechanism of polarization of adielectric medium. The
performance of an insulator can be estimated in terms
of efficiency asfollows:

— Weff — VVI
W, WY (D

where W = W, — W, reflects the electric field energy
balance.

A wide class of polymer insulators and layered sys-
tems used for capacitor insulation is characterized by
the relaxation time spectrum, which may be both con-
tinuous and sparse. This paper isaimed at extending the
energy concepts of the el ectrodynamics of insulators by
taking into account the electric polarization relaxation
time distribution.

Let us consider the differential equation for elemen-
tary increment d,P of relaxation polarization in relax-
ation time interval dt,

M) &P = W ryqr, @

where y(1) = d(e4(1) — &,,)/dT isthe relaxation time dis-
tribution function; €., and g, are the permittivitiesfor the
polarization instantaneously reaching the steady state
and static polarization at given time instant T, respec-
tively; and E isthe electric field.

With regard to the prehistory of the polarization pro-
cess, asolution to Eq. (2) can be written in the form

t—
t E(U) exp %—?LH

4Pt T) = Eo(&s(1) —&0) |

du. (3)

Assuming that the relaxation process terminates at
static value P, within the time interval [—o, 0] and inte-
grating expression (3) over all possible values of 1, we
obtain the following expression for the total relaxation
polarization:

~y(Dexp LT
Pr(t) = PSIf dt
° (4)
. ty(D) expRHE(U)

t]
+ sOJ’expE—%E dtdu.
0 0

According to [1], the flux densities of the stored
energy, 0W,/ot; effective energy, 0Wx/0t; and loss
energy, Q, for given T are expressed as

oW, 1 IP(t) . 0 EoE”
ey O ta 2
_ T 0P (t) 2
Q(t) = 80(85_&”)[ = } 5)
MWy _ _OP(1)
at at -
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For an exponentialy decreasing field, E =
Eqexp E_Tlé% , We have
(T) tQ 0t
T T s\ 7
d,R(t, 1) = [aexp 0 exp TD:|

_ 4:P(1) ©

" 1(a —1)[ pD TD_QXIDD T;E}

where a = 1/t is the ratio between the characteristic
times of variation of the electric field and relaxation
polarization process.

Then, the elementary increments of the correspond-
ing powersin the course of depolarization are given by

d
SIdP(t, )

d _ gd(ef1)—¢.) B
s [dWy(t )] = 2 @o1
0 0Otg 1!
[a expfh - pg—ﬂ ,
6.0 1) = T (dPy(D)

€0d(es(T) —€) (1—1)?

| - ez g

god(e4(1) —£.,) E;
Te—T1

(7)

2 1dWe(t, )] =

[exp D_'ED_ exp .E}[e)(p é]i|

Integrating relationships (7) over time t between 0
and oo and over relaxation times T within the same lim-
its, we arrive at the following expressions for stored
energy Wy, loss energy W, and effective energy W
being released in the load:

W — E0(s 2 oo)Eé,
£0E5 Ty(1)
— 200
w = St 6)
0
200
_ €FEq TeY(T)
Weff = T _[E—+_[d'|.'
0

To obtain afinal estimate of the energy characteris-
tics, we must know a specific form of relaxation time
distribution function y(t). In a first approximation,
relaxation loss factor €" can be determined with the
Fouss—Kirkwood relationship

€"(w) = gnxSech[AIN(wT)], 9
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where wisthefrequency of the applied field, €., isthe

maximum value of the loss factor, and A is the relax-
ation time distribution parameter [2].

On the other hand, the frequency dependence of the
loss factor with regard to the relaxation time distribu-
tion hasthe form [3]

wTy(T) it

e'(w) = 1 s

(10)

Knowing parameter )\ and applying theinverse Fou-
rier transformation to expression (10), we can find the
form of function y(t). For arbitrary dependences €"(w),
an effective procedure for determining y(t) was pro-
posed in [4]. In particular, at moderate temperatures
(20-30°C), parameter A for polyethylene terephthalate
(PET) assumes values from 0.48 to 0.53 [5]. Setting A
equal to 0.5, we come to the following expression for
the distribution function:

— (85_800)’\/-[_0
y(1) = Rty ity
(11)

}y(r)dt = g,—¢&,,

where 1, is the most probable relaxation time.

Taking into account relationship (11) and the iner-
tia-free polarization component yieldsfinal expressions
for the corresponding energies,

€o(Ec—€.)E2  €oEE]
Wst - 0\ €s 2 O+ 0 > 0’
E 0
W = SoEch(s m)A/_E €€ Eo
eff —
2 Jrev o 2
hence, Wy = W — W, as expected.

Let us estimate efficiency n for an exponential dis-
charge at E, = 300 MV/m and 1¢ = 10 s [6]. Under
normal conditions, the value of 1, for PTE is equal to
=5 x 10%s[7], e,= 3.2, and €., = 2.46. Calculations by
formulas (12) yield Wy = 127 MJm3, W =
0.20 MJm3, and W = 1.07 MJIm?; accordlngly,

Wt
Wy

For single (short-term) discharges, energy W, being
released as heat warms the insulator insignificantly.
However, with increasing discharge time 1g, heating
may become appreciable (whichisespecialy truefor rf

n = = 0.84. (13)
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discharges) and cause thermal instability in the insula-
tor [§].
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Abstract—Methods of processing iron—manganese concretions from the Gulf of Finland in the Baltic Seaare
reported. The relative content of their basic components is found. The concentration of helium isotopesin and
the rate of growth of these concretions (7.5 mm/thousand years) are determined. It is shown that the content of
the cosmic matter in the concretions can be raised by means of special chemical processing. © 2005 Pleiades

Publishing, Inc.

INTRODUCTION

Iron-manganese concretions (IMCs) containing
Mn, Fe, Co, Ni, Cu, and other metalsin amounts appro-
priate for industrial processes may well be viewed as
promising polymetallic ores for the chemical industry
and metalurgy in the near term. Concretions taken
from different seas and oceans differ significantly in
chemical composition, which depends on a variety of
factors, such as the geography of a basin, salinity,
depth, rate of sedimentation in genera and rate of
growth of concretionsin particular, redox properties of
the medium, and interaction of d elements with oxy-
gen- and sulfur-containing natural water. In concre-
tions, iron and manganese are present largely as Fe*
and Mn* and, to a minor extent, as Fe** and Mn?*. In
Baltic concretions, some metals are present in lower
amounts than in deep-sea (oceanic) concretions [1-3].
However, Badltic concretions are more attractive,
because they are readily available (the seam depth is as
small as several tens of metersfrom the sea surface) and
are in the immediate vicinity of industrialy developed
regions and technology centers.

Industrial usage of IMCsimpliesapreliminary esti-
mation of their rate of reproduction in nature, which, in
turn, requires the rate of growth of concretions to be
known. When estimating the latter parameter by the
conventional methods of nuclear geochronology [4],
one runs into serious difficulties. Namely, (i) these
methods are applicable under the assumption that the
rate of growth of concretions is constant, which is
doubtful in the case of Baltic concretions, and (ii) geo-
logic signs indicate that Baltic concretions of a size of
2 or 3 cm grow relatively rapidly (=1 cm/thousand
years). The latter means that radioisotopes with a half-
life of 10*-10° years, which are common in nuclear
geochronology, fail in predicting the rate of growth of

Baltic IMCs. This problem (determining the rate of
growth of rapidly growing IMCs) may be solved using
the cosmic tracer method [5, 6]. This method is based
on the accretion of cosmic dust by the Earth and accu-
mulation of the dust by sedimentary rocks. When in
outer space, dust particles attract ions of the solar wind
and “transport” solar helium with an isotope ratio
SHe/*He ~ 10 (which is higher than in terrestrial
helium, wherethisratio ison the order of 10°-10"[8])
to terrestrial sedimentary rocks. Therefore, the *He iso-
tope in sedimentary rocksis basically of cosmic origin
and therate of growth (r) of sedimentary rocks (includ-
ing IMCs) can be found from the relationship [7]

r = FIp°He, (1)

where F = 1.2 x 10715 cm?/(cm? year) isthe *He, isotope
flux [5], p = 1.6 g/cm? is the IMC density, and 3He; is
the concentration of cosmic helium light isotope.

Since Baltic concretions grow very rapidly, the *He
concentration measured in the sample is not entirely
cosmic helium. In terms of a two-component model,
the fraction of cosmic *He can be found by the formula

1 CHer'He)w

*He, _ — (Hel’He) @
*He 1 (CHel'He)
(°He/*He).

where ((He/*He),q = 2 x 108 isthe isotope ratio in ter-
restrial (radiogenic [8]) helium, (*He/*He). =4 x 10 is
the isotope ratio in cosmic (solar) helium [9], and
(®*He/*He) isthe helium isotope ratio measured.

1063-7842/05/5005-0663$26.00 © 2005 Pleiades Publishing, Inc.



664

EXPERIMENTAL

IMC samples were prepared as follows. Four spher-
ical concretions of roughly equa size (=25 mm in
diameter) were mechanically crushed to produce a
powder with agrain size of afraction of millimeter. To
uniformly distribute cosmic dust particles over the vol-
ume, the powder was intimately stirred. The total
weight of the powder was about 20 g. Samples to be
analyzed were taken from this preparation (Table 2).
They were processed in a dilute hydrochloric acid +
hydrogen peroxide mixture with and without adding
hydrofluoric acid.

The chemical composition of the concretions was
determined by means of a standard chemical technique
using (at thefinal stage of analysis) a PC 1000 Leeman
Labs echelle-based spectrometer configured with an
inductively coupled plasma source. In addition, a 216
Perkin—Elmer analyzer was applied to carry out atomic
absorption analysis. Therelative error of the techniques
does not exceed 4% [10, 11].

| sotopic analysis was performed with a high-resolu-
tion magnetic resonance mass spectrometer [12].
Helium was released from the samples upon heating
them in a vacuum followed by gettering aimed at
removing reactive gases[13].

RESULTS AND DISCUSSION

The amount of Fe and Mn in Baltic concretions was
determined in five samples. On average, the concentra-

Table 1. Elemental composition of the concretion sample
before and after the chemical processing

Conert s | STECTEnl
Element
before after before after
processing | processing | processing | processing
Manganese | 32.01 28.61 100 100
Iron 9.15 12.32 97.3 98.2
Silicon 5.14 4.71 144 55
Aluminum 2.7 24 48.1 45.8
Sodium 0.56 0.50 100 100
Cacium 147 1.45 88.4 89.6
Magnesium 1.28 0.93 93.8 935
Titanium 0.105 0.09 38.1 4.4
Potassium 0.81 0.73 100 100
Vanadium 0.012 0.004 100 100
Copper 0.010 0.016 80 44
Nickel 0.03 0.03 100 100
Zinc 0.116 0.075 60.3 93.3
Lead <0.01 <0.01 - -
Barium 0.235 0.227 97.9 96.9

ANUFRIEV et al.

tionsof Mn and Feinthe sampleswere, respectively, 32
and 9% (in other words, the Mn/Fe ratio was =3.5).
Thisvalue alows us to classify Baltic concretions with
iron—manganese concretions [1, 2]. To study the con-
tent of *He in the concretions, we analyzed the samples
for Mn, Fe, and other elements before and after chemi-
cal processing in the reagent mixture. The processing
timewas varied from 1 to 120 min, the weighed portion
was=1 g, and the volume of the 2% (HCI + H,0,) solu-
tion equaled 200 ml. After the processing, the content
of some of the metals in the fine-grain samples
decreased, while that of others increased. By way of
example, Table 1 presentsthe elemental composition of
one of the samples before and after the processing (the
data obtained with the PC 1000 spectrometer) and also
the content of acid-soluble forms of the same elements.
It isseen that therelative content of Mn, Si, Al, Mg, and
V in the concretions decreased markedly, while that of
Feand Curose. At the sametime, the content of Na, Ca,
K, Ti, and Ba changed insignificantly. These quantita-
tive results are not only of great value for developing
new technological approaches. They also form a basis
for tailoring the most appropriate (“soft”) chemical
processing conditions under which the 3He i sotope con-
tained in cosmic silicate dust, which entersinto IMCs,
will not be lost.

It is known that the He isotope is much less abun-
dant in terrestrial rocks than “He [14]. That is why we
eventually selected the HCI solution (at room tempera-
ture) as a processing agent. Alkaline solutions and HF
here are inappropriate, since they dissolve the silicates
and *Heislost.

Calculation using (2) and the experimental data in
Table 1 shows that the true content of cosmic He
amounts to 80% of the value measured. With this in
mind, we can now find from (1) the rate of growth of the
concretions in the Gulf of Finland of the Baltic Sea,

r = 7.5 mm/thousand years. (©)]

Asfar asweknow, thisisthefirst estimate of therate
of growth of concretionsin the Gulf of Finland (theran-
dom error in determining the composition is about
10%). Previoudly, the rate of growth of Baltic concre-
tions was calculated for those in the western part of the
sea near the coastline of Denmark [15, 16]. The calcu-
lations were performed by various techniques, and the
rate of growth was measured to be 7 and 20 mm/thou-
sand years. Our estimate coincides with these valuesin
order of magnitude, being closer to the lower one.

The second task to be tackled in this work was to
find a method of chemical processing that carries the
main constituents of the concretions (Mn and Fe
hydroxides) to the solution and, thereby, increases the
concentration of the cosmic matter in the insoluble res-
idue. The basic goal here was to obtain the cosmic
material as pure as possible for detailed anaysis. The
experimental data for the He isotope content are listed
in Table 2.

TECHNICAL PHYSICS  Vol. 50
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Table 2. Helium isotope content in chemically processed samples
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; 4 6 3 12
o | porong | oo | emilg | |HerHex 10" Note
1 0.5435 13.7+14 1.3+£0.13 | 0.95+0.15 | Asprepared mixtureof unprocessed crushed concretions
2 0.4442 46.8+ 4.7 109+1.1 2.3+ 0.34 | Etchingin HCI + H,0,, K =4.35
3 0.3229 31.8+32 1.01£0.10 | 0.32+0.04 | EtchinginHCI + HF, K =7.05
4 0.5908 8.5+ 0.85 14+0.14 | 1.70+0.25 |EtchinginHCI + H,0O, with HNO; added, K = 2.05
5 0.4011 13+13 1.3+0.13 | 1.00£0.14 | Asprepared IMC powder (repeat of run 1)

Note: Kistheratio of theinitial weight of the sample to the weight of the insoluble residue taken for isotopic analysis

It is seen that the concentration of the *Heisotopein
concretions from the shallow Gulf of Finland is nearly
the same as in those from the deep Pacific Ocean [5].
Presumably, this indicates that the cosmic dust flux
toward the Earth depends on the geographic coordi-
nates only dightly.

It also follows from Table 2 that, when hydrochloric
acid as a processing agent is free of hydrofluoric acid,
the insoluble residue is much more enriched by the *He
isotope. Further optimization of the processing agent is
on the agenda.

Theresults of thiswork arein fairly good agreement
with the data in [17]. Note that our experimentaly
found optimal concretion-processing solution turned
out to be the same as that found by Kanungo [18, 19].
However, unlike Kanungo, we used dilute hydrochloric
acid to which hydrogen peroxide was added.

CONCLUSIONS

The content of Mn and Fe in concretions of the Bal-
tic Sea was found by physicochemical methods. The
rate of growth of concretionsin the Gulf of Finland was
determined for the first time. The value of the Mn/Fe
ratio obtained in the experimentsindicates that the con-
cretions studied can be classified with IMCs. Acid solu-
tionsto process these concretions were found, and opti-
mal (“soft”) processing conditions were formulated. A
solution of composition HCI + H,0O, can be used for
extracting Mn from the concretions and also for enrich-
ing the insoluble residue by light helium isotope *He.
This offers scope for concentration of the cosmic mate-
rial and, thus, for its detailed analysis.
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Abstract—The effect of the laser energy density on the velocity of sapphire particles accelerated in the field of
asubmillisecond pulse from an YAG : Er laser isreported for thefirst time. An original velocity-measuring sys-
temisdescribed. It is shown that the acceleration of sapphire particlesimmersed in water (suspension) requires
an energy that is nearly half as great as that needed to accelerate the particles containing the water adsorbed by
the surface (powder). It isfound that the particle vel ocity is nonuniformly distributed over the period of the laser

pulse action. © 2005 Pleiades Publishing, Inc.

Theideaof light pressure dates back to Kepler, who
postulated in 1619 that, because of light pressure, the
tail of a comet is always directed away from the Sun.
The corpuscular theory of light of Newton made the
idea of light pressure more plausible and stimulated
many attemptsto measureit experimentally. In the 18th
and 19th centuries, al attempts to discover the light
pressure or find aforce that cannot be assigned to con-
vection in air failed. Crookes in 1873 believed that he
had discovered light pressure in a partially evacuated
chamber, although actually he had invented aradiome-
ter. Finaly, the existence of light pressure free of dis-
turbing thermal effects was proved by Lebedev in Rus-
sia and Nuchols and Hull in the United States [1].
Advances in the laser technology have caused arebirth
of interest in light pressure. As early as in 1962,
Askar'yan [2] showed that an intense light beam may
have a strong influence on charged and polarizable par-
ticlesand that the associated forces may change signin
going through the resonant frequency of polarization.
Application of such an effect for preventing the particle
concentration difference, for particle transport, and for
producing rarefied or condensed areas in different
media was noted. At the same time, Askar'yan and
Moroz [3] demonstrated that light absorption by a par-
ticle irradiated may generate three types of forces
related to (i) heating and motion of the medium itself,
convective drag; (ii) heating of the medium by the
absorbing surface of the particle, radiometric pressure;
and (iii) pressure due to the evaporation of the particle
itself, light-reactive pressure. All the effects listed may
exceed the light pressure by many times and show up in
experiments with a high probability. It is noteworthy

that the reactive pressure may be as high as 102 atm.
Such a pressure may be used, in particular, for acceler-
ating microparticles [4] to velocities on the order of
106-108 cm/s to produce micrometeors, particles that
release a high local energy when colliding with atarget
or with each other. These particles may be applied for
processing composites (including biological compos-
ites) when the potential of conventional and laser-
assisted technologies is exhausted. For example, a flux
of laser-accelerated Al,O; particles may be applied for
increasing the rate of processing the enamel of human
teeth [5]. In this case, the water surrounding the parti-
cles (suspension) or adsorbed by them (powder) effec-
tively absorbs radiation at awavelength of 2940 nm and
vaporizes, favoring the light-reactive motion of the par-
ticle. In thiswork, we for the first time experimentally
investigate the effect of laser energy density on the
velocity of hard sapphire particles accelerated in the
field of a submillisecond pulse from an YAG : Er laser.
The energy sufficient to accelerate the particles of dif-
ferent size is estimated, and the particle velocity varia-
tion with time after the laser action is determined.

In the experiments, we used a prototype of an
YAG : Er free-running 100-mm-long laser of diameter
6.3 mm operating at 2940 nm. The pulse FWHM was
250 ps. The radiation passes through a CaF, lensand is
focused into a spot of diameter 600 £ 50 um. In this
way, an energy density of 250 Jcm? was achieved. As
hard particles, we used Swam-Blast ultrapure Al,O,
powder. The rated density of the particle material was
3.97 x 10° kg/m3. The diameters of the particles were
12, 27, 40, and 160 um. Both the suspension and pow-

1063-7842/05/5005-0666$26.00 © 2005 Pleiades Publishing, Inc.
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Fig. 1. Variation of the particle mean velocity with time
after the YAG : Er laser pulse has been switched on (the
Al,O5 particle diameter is 12 pm, the energy density is
135 Jemd).

der were studied. The suspension was prepared in pro-
portion 300 mg of the particles per 0.2 ml of water. The
particles (suspension or powder) were placed in aglass
cell with a sapphire bottom. The thickness of the parti-
cle bed was 200 + 50 um. The laser radiation was
focused on the contact plane between the particles and
cell bottom. The radiation-accelerated particles | eft the
space of interaction and were photographed with a
MINTRON high-sensitivity controlled-shutter video
camera interfaced to a computer and a synchronizer.
The optical axis of the objective of the video camera
was directed normally to the direction of laser beam
propagation and passed through the space of particle—
radiation interaction. The synchronizer generated alas-
ing-starting sync pulse and aframe sync pulse. Interval
At, between the time of the frame pulse (t,) and thetime
of the laser pulse (t;) may be varied. The exposure time,
i.e., thetime over which the shutter is open, may bevar-
ied from 100 psto 2 ms (in the experiments, it equaled
500 ps). We could also vary interval At between the
time of the frame pul se (t;) and the time of shutter open-
ing (t). Thus, over atime interval of 500 us, we could
record events taking place within time At,. Cutting At
made the image of particlesflying apart disappear from
the monitor, while a small increase in tg returned the
image to the monitor. Thistimeinstant (t;) wastaken to
be the beginning of particle motion. Estimating the dif-
ference between t; and t;, we determined the delay
between the beginning of the laser pulse and the begin-
ning of particle motion. Then, increasing t,, we could
record the accumulation of particles flying apart within
time At that is the difference between t, and t;. The
computer controlled the synchronizer, as well as photo
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Fig. 2. Variation of the particle mean velocity with YAG : Er
laser energy density (the Al,O5 particle diameter is 12 pum).
The velocity was measured 40 ps after the laser pulse had
been switched on.

acquisition, storage, and processing. The images were
used to measure the length of the most intense tracks of
pulse-field-heated particles flying almost normally to
the bed. In this way, we minimized the error in deter-
mining the track length due to the angular divergence of
the particles. Dividing the track length by At, one can
easily find the mean velocity of the particles over this
time period.

In the experiments, we determined the threshold
value of the laser energy at which particles of different
diameters start moving. It turned out that the energy
density 0.3 Jcm? suffices to accelerate particles of
diameter 12 pm from the suspension. To accelerate
these particles from the powder, 0.7 Jen?? is required.
To accelerate particles of diameter 27 pm from the pow-
der, it is necessary that the energy density be 1.5 Jcm?;
for those of diameter 40 um, 2.2 Jcm?; and for those of
diameter 160 pum, 6.0 Jcm?. That is, the energy density
required for sapphire particles to be accelerated from
water (suspension) is roughly haf as high as that
needed for the particles containing water adsorbed by
the surface (powder) to be accelerated. It was estab-
lished experimentally that the particle velocity varies
within the time of laser action (Fig. 1), increasing with
laser energy density (Fig. 2). Over the time of laser
action, the velocity of 12-uym Al,O; particles first
sharply grows, reaches a maximum (by the 40th micro-
second), and then declines gradually. Moreover, the
particles go on moving after the pulseis switched off. It
should be noted that such behavior was also observed
for particles of the other diameters. In thefield of asub-
millimeter pulse from an YAG : Er laser, a nonabsorb-
ing Al,O; particle surrounded by surface-adsorbed
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Abstract—The methods of thermal analysis and scanning electron microscopy are used to study phenomena
taking place at thermal decomposition of porous polyacrylate composites filled with silver nanoparticles that
are synthesized in situ by UV reduction. Self-organization processes showing up in the redistribution of the sil-
ver nanoparticlesin the polymer melt followed by their sintering into agglomerates are reveal ed. The morphol-
ogy of the agglomerates is found to depend on the structure of the porous polymeric matrix. Using X-ray dif-
fraction, it is shown that annealing produces silver crystallites 70-90 nm across, which are partially textured in
“sheetlike” {110} planes and are stable against dissolution in nitric acid. © 2005 Pleiades Publishing, Inc.

Processes taking place when nanoheterogeneous
materials consisting of metal nanoparticles immobi-
lized in a porous matrix are subjected to high tempera-
tures are of interest both for predicting their behavior in
real catalytic and other high-temperature operations
and for synthesis of novel materials with specialy tai-
lored properties. Earlier, we studied the thermal decom-
position of porous polyacrylates that are filled with sil-
ver nanoparticles synthesized in situ and revealed char-
acteristic features of this process that are attributed to
inhomogeneities inherent in the polymer matrix and to
the presence of the nanoparticles, which may be redis-
tributed (self-organize) in the melt under the action of
surface tension forces [1]. However, the composition
and structure of annealing products are not yet under-
stood. In this work, we show that the self-organization
of nanoparticles during the decomposition of the
porous nanocomposite influences the structure of the
final annealing product and describe its composition
and properties.

Polymeric matrices were produced by the copoly-
merization of methyl methacrylate and potassium
methacrylate in the presence of a porogene (polyethyl-
ene glycol) and a polymerization initiator (benzoyl per-
oxide) at 65°C. The block samples obtained were 2 mm
thick.

The polymer porous structure formed by extraction
of the ethylene glycol by deionized water represents
spherical macropores connected via reagent-permesble
intercommunicating open micropores. The spherical
macropores contain the carboxylate groups of potas-
sium methacrylate, owing to which the polymer is
capable of forming complexes with metal ions. Small
aspherical inhomogeneities serve as through micro-

channels connecting the macropores and alowing the
ionsto diffuse into the volume. The size and amount of
the macropores depend on the molar ratio between the
diluent and methyl methacrylate in the mixture to be
polymerized and, thus, can be easily controlled [2]: an
increase in the polyethylene glycol concentration in the
system increases the size of the macroporesin the poly-
meric matrix and diminishes their number. During dry-
ing of the polymeric matrix, some of the micropores
collapse and the size of the macropores decreases.

The sorption of the silver ionsinto the volume of the
porous matrix was accomplished from a0.3 M solution
of silver nitrate. Silver nanoparticles were synthesized
in situ by the method of photoreduction (A = 350 nm).
According to X-ray diffraction data, the mean size of
the nanoparticles was 7.3 nm and the silver concentra-
tion amounted to 12—15 wt%. The nanocomposites thus
prepared were dried in air and subjected to heat treat-
ment.

The thermal decomposition of the porous nanocom-
posites was studied in air with a Paulic—Paulic—Erdey
1500Q derivatograph. The heating rate was 10°C/min
intheinterval 25-700°C. The weighed samplewasvar-
ied from 40 to 45 mg. The morphology of the decom-
position products was examined in a Philips SEM 515
scanning electron microscope.

X-ray diffraction data were taken with a Bruker D8
GADDS diffractometer (CuK, radiation, graphite
monochromator, angular range 20 = 5°-75°). Crystal-
lite size D was calculated by the Debye—Scherrer for-
mula [3], and the intensity of reflections from the
annealed silver was calculated using the POWDER-
SELL 2.0 program.

1063-7842/05/5005-0669$26.00 © 2005 Pleiades Publishing, Inc.
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Fig. 1. Diffraction pattern taken from the products of
annealing of the porous silver—polyacrylate nanocomposite.

Fig. 2. SEM micrograph taken of the silver agglomerates
(the final products of annealing of the porous silver—poly-
acrylate nanocomposite).

Asthetemperature of the porous polyacrylate nano-
composites rises to 130-170°C, the polymer matrix
starts melting. The macropores transform into cavities,
which are gradually filled with gaseous products of
polymer decomposition. Initially, the decomposition of
the polymer is similar to the decomposition of pure
PMMA, which startsat 160°C [4]. Foaming of the melt
accompanied by a several-fold increase in the sample
volumeis observed visually. During foaming, the silver
nanoparticles are redistributed, concentrating at the
melt—gas interface on the boundaries of resulting bub-
bles. On further thermal oxidation, the polymer consol-
idates and the bubbles collapse. At temperatures of
415-420°C, the metal nanoparticles are sintered, pro-
ducing spheroidal agglomerates. Carboniferous spac-
ings between the agglomerates prevent the silver nano-
particles from being sintered into a single continuous
block. At temperatures of 440-630°C, these spacings
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burn up, releasing agreat amount of heat; however, the
silver agglomerates already formed are still not sintered
together, retaining a high specific surface area. SEM
micrographs taken from the final products of thermal
decomposition show mesostructures of size between
0.3 and 1.5 um depending on the porosity of the as-pre-
pared polymer matrix. If the number of pores is small
and their size is large, the material decomposes into
larger agglomerates. Thus, one can obtain annealing
products with a desired morphology by varying the
composition of the mixture to be polymerized. The
influence of the polymer matrix structure on the silver
agglomerate size described elsewhere [1] is due to the
fact that the early stage of decomposition, which is
accompanied by gas release, proceeds on the surface of
structural irregularities present in the melt (these irreg-
ularities occupy the sites of former macropores). The
temperature-induced processes of metal nanoparticle
redistribution, sintering, and mesostructure formation,
proceeding in the porous matrix, may be viewed as self-
organization at the nano- and microlevels.

Figure 1 showsthe diffraction pattern taken from the
products of annealing of the silver—polyacrylate nano-
composite kept in air at 630°C for 30 min. The diffrac-
tionlinesfrom the silver are distinctly seen. Reflections
dueto the carboniferous products of polymer decompo-
sition are absent. It seemsthat the UV preirradiation of
the polymer, which reduces its thermal stability, has a
significant effect on the annealing product purity:
according to X-ray diffraction data, silver agglomerates
extracted from silver—polyacrylate composites by ther-
mal reduction of silver saltsin the volume of the same
polyacrylate matrix [5] contain a much higher amount
of carboniferous products.

The observed relative intensities of the (111), (200),
and (220) reflections (Fig. 1) for the annealed silver dif-
fer drastically from those cal culated for isotropic pow-
der samples. The experimenta intensity ratio may be
explained by assuming the presence of sheetliketexture
along {110} planes. The best coincidence between the
experimental and calculated intensitiesis observed at a
texture index of 0.35. The texture may be attributed to
the pre-orientation of the silver particles under the
action of surface tension forces at the gas—melt inter-
face in the polymeric “foam.” Another reason may be
oriented heat removal during therecrystallization of the
silver.

Ignoring internal elastic stresses and making allow-
ance for a correction for line broadening, we find that
the size of the coherent scattering region for the
annealed silver calculated by the Debye-Scherrer for-
mula equals 70-90 nm. This means that the agglomer-
ates with an apparent grain size of 1-2 ym (Fig. 2) are
actually composed of grains less than 100 nm across.

The silver agglomerates that are products of anneal-
ing of the silver—polyacrylate composite dissolve in
concentrated nitric acid only after long-term heating,
while silver produced by other techniques is readily
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soluble in HNOj;. There are a number of publications
noting that silver nanoparticles obtained by photolysis
offer high stability against nitric acid. These particles
=4 nmin size havethe form of icosahedra[6] and areg-
ular crystal structure. It seemslikely that silver crystal-
lites made up of nanoparticles obtained by photoreduc-
tion retain their regular structure during the thermal
decomposition of the silver—polyacrylate composite
and subsequent sintering. As a result, the products of
nanocomposite annealing are hard to dissolve in nitric
acid.
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