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Abstract—A new method for cooling atomic hydrogen down to 100 uK or below is suggested. The method
exploitsthe unique properties of atomic hydrogen, which are the following: atomic hydrogen does not condense
at temperatures as low as 20 UK and cannot be heated by IR radiation in the absence of atom-wall collisions.
Therefore, the most efficient and well-known gas cooling technique can be employed, namely, the adiabatic
expansion of the volume occupied by the gas (this approach is used in a gas-expansion machine). It is suggested
to adiabatically expand the volume of a magnetic trap containing atomic hydrogen. © 2002 MAIK

“ Nauka/Interperiodica” .

INTRODUCTION

Atomic hydrogen is the ssmplest well-studied quan-
tum system, which allows usto precisely verify the pre-
dictions of various theories of fundamental interac-
tions. A most vivid example is the investigation of the
Lamb dip in quantum electrodynamics. At present, top-
ical problems of the physics of fundamental interac-
tions studied with atomic hydrogen include the verifica-
tion of the conventional model of electroweak interac-
tion, the study of Bose-Einstein condensation, the
creation of a hydrogen frequency standard, precise
measurements of the fundamental constants, and the
improvement of the Lamb dip measurement accuracy.
These problems cannot be tackled if reliable methods
for cooling atomic hydrogen down to 10 pK on alabo-
ratory table, not in a cryostat, are absent.

The unique property of atomic hydrogen is that it
can be heated and, accordingly, excited only by UV
radiation. Therefore, when stored in loffe-Pritchard
magnetic traps, which prevent atom—wall collisions
[1, 2], polarized atomic hydrogen basically does not
require additional therma insulation. Yet, to cool
atomic hydrogen to ultralow temperatures, researchers
use sophisticated devices inside He*-in-He* dilution
cryostats. In these devices, atomic hydrogen isfirst pre-
cooled viaatom—wall collisions. The walls are covered
by an antirecombination superfluid helium film and are
cooled down to 10 mK. The subsequent cooling of
atomic hydrogen takes place by evaporating the fastest
atoms (with an energy much higher than the magnetic
barrier of the trap) from the atomic hydrogen gas
“hanging” near thetrap axis. These particles are certain

to be generated because of atom-atom collisions. The
temperature distribution of the atoms inside the trap is
Maxwellian but truncated by the trap barrier height on
the high-temperature side.

To date, the lowest temperatures have been obtained
in experiments on the Bose-Einstein condensation of
atomic hydrogen. It is generally believed that the con-
densation occurs at temperatures near 320 K and a
density of about 10* cm3. Using this method, Masu-
haraet al. [3] have reached adensity of 6 x 10' cm™3 at
atemperature 100 pK. Cesar et al. [4], using this source
of atomic hydrogen, have performed one of the most
accurate measurement of the 1S — 2S two-photon
transition frequency. However, experiments with dilu-
tion cryostats are extremely complex. Therefore, it is of
great importance that ultracold atomic hydrogen be
much easier to access in experiments.

In this work, hydrogen atoms cool down (lose
energy and momentum) when colliding with areceding
magnetic barrier inside a magnetic trap. In this case,
dilution cryostats become unneeded, and magnetic
traps can be made of nonsuperconducting materials.
Moreover, the cold atomic hydrogen gas becomes
readily accessible for experimentalists.

Inthefirst approximation, the temperature reduction
expected can be estimated in terms of thermodynamics
by considering the adiabatic expansion of the volume:

T, = Ti(ViIV)Pexp(S - S).

Here, T, and V, are the initial gas temperature and trap
volume, respectively; T; and V; are the respective final
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values; and (S — S) isthe change in the entropy. If the
processistotally adiabatic, the entropy does not change
and the temperature reduction depends only on the
change in the volume. To provide the adiabatic condi-
tions, it is necessary that the velocity of the barrier be
much lower than the mean velocity of the atomsin the
gas. This is readily achieved down to temperatures
about several tens of microkelvins (the hydrogen atom
velocity ison the order of 1m/sin this case).

Below, we calculate the parameters characterizing
the state of atomic hydrogen in an loffe-Pritchard mag-
netic trap, as well as describe our experimental setup.

THERMODYNAMIC ANALYSIS

The thermodynamic consideration of the gas behav-
ior in the trap will be performed in terms of the energy
equation and the conservation equation for the number
of particles. We will use the approach developed in [5].
Let N be the initial total number of polarized atomsin
the trap with abarrier height €,. Elastic atom—atom col-
lisions cause the evaporation of the number N,, of the
atoms with an energy E,,. Because of dipole relaxation
during the atom collisions, the number of the atoms N,
with an energy E is lost due to depolarization. The
energy also changes because of the work done on or by
the atoms during the adiabatic change in the trap
volume.

Anloffe-Pritchard trap isamagnetic quadrupole (or
sextupole) producing a reflecting barrier in the radia
direction and two solenoids at the ends of the quadru-
pole that produce reflecting gradients along the quadru-
pole axis near its end faces. The potential energy of the
atomsin the trap is given by

U(r) = Ja’r?+(Ug+ B2 U,
where

a® = p’(ci—boby), B = Iub, Ug = [ulby,

R

b = lJ' Ic—a
LR
AN R
b2 = 3b0———2—_—R—;_2,
2(A"+R))
I
Cl = 2|.,lo—b2
TR

Here, U is the magnetic moment of the atom; |, and I,
are the currents in the quadrupole and the solenoids,
respectively; A is the distance between the trap center
and the solenoid; R, isthe solenoid radius; and R, isthe
distance between the trap axis and quadrupole pole.
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The total energy of the atomsin the trap is the sum
of the kinetic and potential energies:

E = Egﬂ,ENkT.

It has been shown [6] that the potential energy of the
atomsin amagnetic trap with abarrier H, 5 is

rofVa
/00T,

where V, isthe effective volume of the atomsin thetrap.

Let 8 be aparameter characterizing the properties of
the trap (the current in the quadrupole or in the sole-
noids in our case). Then, the time variation of the
energy can be written as

y:

E=pg+ VEKTN + g NKTO+CT.
Here, the first term is the energy variation due to relax-
ation and evaporation, the second one arises because of
the changes in the trap parameters, and the third term
reflects the temperature variation. The specific heat
capacity is given by

_PE1 _ B oyn
=g, "BV

Eventually, we arrive at the set of equations
N = Ne\/+ Nrel,
. . . . . (D)
CT = Ee +Eg+Er —EBE+yEkTN—E.?—£TNkTG.

The change in the number of the atoms due to evap-
oration is

. ,
New = —Ngove "V,

W 2

Ee = NWBH + VeEkT.
ev

Here, N, is the atomic density at the trap axis, o isthe

elastic collision cross section, v = /8KT/mim is the
mean velocity of the atoms, n = /KT, and V,, and W,
are the effective volumes of elastic collisions [6]. The
change in the trap parameter 68 (for example, current)
causes the energy change
NKT OV ;

V. 008 DTG. (3)

In describing the gas state, it is also imperative to

take into account inel astic atom—atom collisions. In our
case, the basic inelastic process is spin relaxation, the
degree of which is expressed as

Nrg = —NSGVye, (4)

ESZ—
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Eg = Eﬁﬁ +Y5KT N (5)

Itisknown from experiments[7] that the constant G
in expression (4) depends on the magnetic field insig-
nificantly and does not depend on the temperature at all.
The effective volume of double collisions and the
parameter y, are given by

Ve = jd3r[n(r)/no]2, (6)
_ LT 9V
Y2 = v, 09T @

It is obvious that the cooling of the gas only by adi-
abatic expansion can be estimated if the effect of evap-
oration and spin relaxation is ignored in (1). In this
case, the total number of the atoms in the trap will
remain constant all the time and the dependence of the
gas temperature on the current in the quadrupole will
become fairly simple:

ct = TV ©)

VAR THER

Here, I, is the current in the quadrupole and the effec-
tive volume V, for the | offe—Pritchard trap can be calcu-
lated by the formula[5]

Ve = AN KT B ) + £2p@ ) (@)

n
P(an) = % [ (10)
0

3 N 12PkT + 6P,U,
T2 3PkT+2PU,°
Asfollowsfrom calculations, the dependence of the

gas temperature on the current in the quadrupole can be
written in the form

T g0
-?o - OO ’

(11)

(12)

which is consistent with the estimate given in the Intro-
duction and indicates the validity of the starting
assumptions.

The set of equations (1) was solved for the trap with
R.=10cm, R,=10cm, and A= 10 cm. Theinitia val-
ues of the currents I, and |, were taken such that the
magnetic induction in the quadrupole and in the block-
ing solenoids was 1 and 0.5 T, respectively. The spin
relaxation constant G was set equal to 1072t m?/s.

The results of the calculations are shown in
Figs. 1-4.

Figure 1 demonstrates the results for cooling by
evaporation, by evaporation with subsequent adiabatic
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Fig. 1. Hydrogen cooling under different conditions:
(2) without adiabatic expansion, (2) with expansion starting
from the highest-density point, and (3) simultaneous evap-
oration and adiabatic expansion.
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Fig. 2. Cooling at various initial heights of the trap barrier.
B=(1)1.3,(2) 1.0, (3) 0.75, and (4) 0.4 T.
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Fig. 3. Cooling efficiency vs. initial temperature. To =
(1) 1.5and (2) 0.15K.
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Fig. 4. Cooling efficiency vs. trap diameter. D = (1) 20 and
(2 10cm.
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Fig. 5. Experimental setup. 1, molecular hydrogen source;
2, Pdfilter; 3, valve; 4, hydrogen dissociation unit; 5, Teflon
tube; 6, cooling the Teflon tube to =100 K; 7, first helium
cryostat; 8, second helium cryostat with vapor pumping;
9, loffe—Pritchard trap; and 10, detector.

expansion, and by evaporation and adiabatic expansion
proceeding simultaneously. In al of the cases, the ini-
tial temperature was 1.5 K and the radial barrier height,
1T. Atthe early stage, cooling isbasically dueto evap-
oration. Once the gas temperature has decreased to
20-30 mK, becoming much lessthan the barrier height,
evaporation virtually ceases. The sharp drop in the den-
sity in the absence of the expansion is the result of
relaxation losses, which prevail in the absence of the
evaporation.

Figure 2 compares the efficiencies of the cooling
process when evaporation is followed by adiabatic
expansion at variousinitial barrier heights, with theini-
tial temperature being 1.5 K in al of the cases.

Figure 3 illustrates the increase in the hydrogen
cooling efficiency when the initial temperature is
decreased to 10 mK in the trap with a barrier height
of 1 T.

Finally, Fig. 4 comparesthe cooling processesin the
traps with various diameters but with the same lengths
and barrier heights. It is seen that the fina result
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depends on the trap diameter only dlightly but signifi-
cantly depends on the magnetic barrier height.

EXPERIMENTAL SETUP

Our experimental setup consists of three units,
where three basic stages of atomic hydrogen cooling
proceed. At the first stage, molecular hydrogen dissoci-
ates, producing atomic hydrogen. At the second stage,
the atomic hydrogen is precooled. At the final stage, it
is cooled to a desired temperature by adiabatically
expanding in a magnetic trap. The basic point here is
that the magnetic trap is made of a nonsuperconducting
material. On the one hand, this allows us to vary the
current in the trap windings with any rate and by any
law. On the other hand, cryostats at the fina stage of
cooling become unnecessary, which greatly simplifies
experiments with atomic hydrogen.

The setup, whose block diagram is depicted in
Fig. 5, operates as follows. Molecular hydrogen from
source lispurified in aPd filter 2 and enters rf dissoci-
ation unit 4 through valve 3. Further, it passes through
the precooling duct, cooling first to nitrogen tempera-
ture in nitrogen refrigerator 6 and then subsequently to
4 and 1 K in refrigerators 7 and 8. Refrigerator 7 is a
helium cryostat; refrigerator 8, a cryostat with helium
vapor pumping. Having been precooled, the atomic
hydrogen enters magnetic trap 9, built around a quadru-
pole lens. The lens can generate a magnetic field with
an induction of nolessthan 1 T in the radial direction.
The basic difficulty associated with thistrap isto block
the end faces of the lens. We found that a solenoid with
an inner diameter of 20 cm and an induction of 0.5T is
impossible to create with conventional technologies.
Therefore, the entrance and exit apertures of the lens
should be diminished. For this purpose, it is suggested
to use additional pole pieces on the quadrupole.

The general view of the trap and the magnetic field
configuration calculated in its two cross sections are
shown in Fig. 6. The additiona pole pieces do not
change the field configuration in the radial direction.
They can be made of magnetically soft materials, and
the magnetic induction at the poles will not change.

Thus, the entrance and exit apertures of the lens can
be decreased to 2 or 3 cm. Solenoids of such an inner
diameter can be prepared. For example, asolenoid with
an outer diameter of 30 cm, an inner diameter of 3 cm,
and a thickness of 3 cm provides a magnetic induction
of 0.5 T inthelongitudinal direction if the current den-
sity initis 1000 A/cm?.

The atomic hydrogen in the magnetic trap is cooled
in severa steps. Firgt, the hydrogen is delivered to the
trap. At this step, the current in the first blocking sole-
noid decreases and hydrogen atoms fill the trap. Then,
the current in the solenoid israised and the hydrogen is
blocked in the trap, where it is cooled by evaporation.
Asthe gas cools, the evaporation rate decreases and the
density n, rises. This process continues until the relax-
No. 3
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Fig. 6. Magnetic trap built around a quadrupol e lens and the magnetic field configuration in its two cross sections (the current in the
solenoids is switched off): 1 and 4, blocking solenoids; 2, quadrupole lens poles; 3, additional pole pieces; and 5, quadrupole lens

windings.

ation losses dominate over the evaporation. Thetrap is
so designed that the evaporation is a one-dimensional
process, since the solenoid-induced barrier along the
axisishalf ashigh asin theradial direction. At the sec-
ond step, the current in the trap windings decreases and
the gas adiabatically expands.

As was noted above, the adiabatic conditions are
easy to keep at temperatures down to several tens of
microkelvins (the hydrogen atom vel ocity isabout 1m/s
in this case).

At the final step, the current in the second blocking
solenoid is decreased and the intensity vs. barrier
height is recorded. The cooling effect is estimated from
two measurements: with and without the adiabatic
expansion of the hydrogen volume in the trap.
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Abstract—The motion of a uniformly heated spherical drop under gravity is theoretically studied within the
Stokes approximation. The Stokes and Hadamard—Rybchinsky formulas are generalized so that the temperature
dependence of the viscosity can be found in awide temperature range. Also, the drag force and the velocity of
gravity fall are calculated for an arbitrary temperature difference between the surface of the drop and distant

points. © 2002 MAIK “ Nauka/Interperiodica” .

STATEMENT OF THE PROBLEM

We consider the motion of a uniformly heated
hydrosol drop (particle) with a surface temperature T,
in a viscous incompressible liquid under gravity. The
ligquid occupies the entire space, does not mix with the
drop, andisat rest at infinity. A particleis considered to
be heated (cooled) if its surface temperature differs
from the temperature far away from it. Uniform heating
can be associated with heat liberation during chemical
reactions on its surface, the radioactive decay of the
material, external effects, etc. If, for example, the parti-
cle is subjected to a monochromatic radiation of wave-
length A\, and intensity |, it absorbs energy TiR?l K,
(where Ristheradius of the drop and K, is the absorp-
tion factor [1, 2]), which is uniformly distributed over
its volume. This statement is valid if the thermal con-
ductivity of the drop is much higher than that of the
environment and A, > R. All the processes in the drop-
liquid medium system are quasi-stationary, because the
thermal relaxation time of the system is small.

The heated surface of the drop influences the ther-
mal physical characteristics of the surrounding liquid
and, eventually, the velocity and pressure fields in its
neighborhood.

Unlike [3-6], the author generalizes the Stokes and
Hadamard-Rybchinsky formulas for the case of a uni-
formly heated spherical drop steadily moving in avis-
cous incompressible liquid. The temperature difference
between the surface of the drop and distant sites, aswell
as the temperature dependence of the viscosity of the
liquid, is assumed to be arbitrary.

Among all the parameters of liquid transport, the
viscosity depends on temperature to the greatest extent,
exponentially decreasing with growing temperature
[7, 8]. The review of the available semi-empirical for-
mulas and experimental data shows that the tempera-
ture dependence of the liquid viscosity [in awide tem-

perature range and with any desired accuracy can be

described by the formula
= uo{l+ z FH }exp[i—AD : 1% 1)
Me(T,,), and T, isthe

where Aand F,, are constants, ,, =
liquid temperature far away from the particle (at F,, = 0,
this formula reduces to the well-known Reynolds
expression [7]). Hereafter, the subscriptseand i refer to
the viscous liquid and heated particle, respectively; the
subscript o« designates the parameters of the undis-
turbed flow at infinity; and the subscript s refers to the
parameters taken at the mean surface temperature T,
For water, A =5.779, F, = 2.318, and F, = 9.118 with
an accuracy of 2% or higher at temperatures between
273 and 363 K (T,, = 273 K).

It is assumed that the densities, thermal conductivi-
ties, and specific heat capacities of the liquid and the
drop are constant. The drop moves slowly (small Rey-
nolds and Peclet nhumbers) and retains the spherical
shape. Thelatter statement isvalid if the surfacetension
forces at the drop—environment interface far exceed the
drag forces, which tend to distort the sphere. Analyti-
cally, the shape conservation condition iswritten asthe
inequality [9] o/R > pJUJ/R, where o is the surface
tension coefficient at the drop—environment interface
and U, is the velocity of the particle. This inequality
holds true for most liquids.

It is appropriate to relate the frame of reference to
the center of the moving particle (the problem is
reduced to the analysis of an infinite parallel flow with
avelocity U,, to be determined over the particle). The
velocity and temperature distributions are symmetric
about the Oz axis, which passes through the center of the
particle and hasthe same direction astheincoming flow
velocity. Therefore, we use the spherical coordinate
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system where theradiusr is counted from the center of
the drop and the angle ©, from theincoming flow direc-
tion.

In the spherical coordinate system r, ©, ¢ with
regard for our assumptions, the equations and the
boundary conditions for the velocities U, pressures P,
and temperatures T, outside and inside the drop in the
Stokes approximation are written in the form [5, 10]

OPe = Re0?Ue+ 2(01 )(OU,) + (G )
x (O xU,) +Fy,

divu, = 0, ()
WAU, = OP,, divU, = 0, ©)
AT, = 0, (4)

r=R U'=U =0 US=U, T,=T, (5
f— o, U,— U,cos@e —U,SnOeg,

6
Te— To, Pe—P., ©)

r—0, |Uj|#ow, P;j#oo. (7
Here, U, and Ug are the radia and tangential compo-
nents of the mass velocity U of the liquid in the spheri-
cal coordinate system; F is the vector of the gravita-
tiona forces; U,, = |U,|; U, istheincoming flow veloc-
ity, which is to be determined from the condition of
vanishing the total force acting on the particle (i.e., U,
and |Fy| should be so related that the total force acting
on the particle vanishes); e. and e are the unit vectors
in the spherical coordinate system; T, is the mean sur-
face temperature of the drop; O isthe del operator; Ais
Laplacian; and ([JU,) is the scalar product.

Conditions (5) on the surface of the drop imply the
impermeability and continuity conditions for the nor-
mal and tangential components of the mass velocity,
respectively, as well as the constancy of the surface
temperature of the particle. Asthe boundary conditions
at infinity, i.e., far away from the particle, we take con-
ditions (6), and the finiteness of the physical quantities
characterizing the particleat r —= Oisincluded by (7).

To state the problem in closed form, the boundary
conditions on the surface of a uniformly heated drop
must be complemented by the continuity conditions for
the stress tensor (normal and tangential) components
[9, 10]

e i

—Pe + Zp'eaaurr = —-P,+2u oY, +

(0}
B 2§, (8)

[10U7, 0Us U _ 19Y;, 0Uo _Ug
¥ 30 " 3r 7O~ Mgse M or rD'(g)
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VELOCITY AND TEMPERATURE FIELDS.
DRIFT VELOCITY OF THE DROP

To find the rate of fall of the uniformly heated drop,
one should know the temperature, velocity, and pres-
suredistributionsinitsvicinity. The general solution of
heat conduction equation (4) that satisfies the appropri-
ate boundary conditions has the form

t, = 1+\)-//, y = (Te=T.)/T., (10)
where y = r/R is the dimensionless radial coordinate,
te = TJT.,, and yisthe dimensional parameter that char-

acterizes the temperature difference between the sur-
face of the particle and distant points.

Substituting (10) into (1) yields the expression for
the dynamic viscosity

U, = u{u S Fnln}exp[)—A\—;E. (11)
n=1 Y g d

Formula(11) will further be used to find the vel ocity
and pressure fields near the uniformly heated drop.
Boundary conditions (5)—(9) admit the separation of
variables upon solving the hydrodynamic equations.
The components of the mass vel ocity and pressure were
found in the form

U,(r,®) = U,G(r)coso,
Ue(r, ®) =-U_g(r)sin®, P(r,8) =P, + h(r)cosO,

where G(r), g(r), and h(r) are arbitrary functions
depending on the radia coordinater.

From the continuity equation, arelation between the
functions G(r) and g(r) were determined. Findly, all
the parameters and relations found were substituted
into the appropriate Stokes equations. Eventually, we
obtained the fourth-order ordinary differential equation
for the function G(r) that is similar to that derived in
[11]. Its solution was sought in the form of generalized
power series. For the components of the mass velocity
and pressure, we found

Ur(y, ©) = U,cosO[1+ A,G,(y) + AGa(Y)], (12)

Us(y, ©) = —U,SinO[1+ A,Gs(y) + AGu(y)], (13)

Pe(y, ©) = Pw+“e: =CcoSO[AG;s + A,Gg], (14)

Ur(y, ©) = U, cosO(A; + Ay’), (15)

Ub(y, @) = —U.snO(As+2Ay%),  (16)
uiUoo

Pi(y, ©) = Po+10—5=A,C0s0. (17)
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Here,
(1)

1(Y)—__Z( N3y o

1o oY
Gy(y) = — n
Y& (n+1)y

} A(l)

-—z[(n+3)|n9—1 o

1
Gs(y) = Gy (y) + 3G,

1~ [ 1 ° NA=PNT

Gs(y) = 5¥Gy +y53+zzsn7§61
Go(y) = 1yG"'+yEB+lisny

6 2 2 |:| 2 ;—E

sn = AFn—l_nFn_ an—kav I:O = 11

and G,(y) = Gofy) + 3¥G}, G, GI, G{', G}, G},

and G,' are the respective first, second, and third
derivatives with respect of y. Also,

@ _ 1 n
Ao = _n(n+5)z[(n+4_k) (18)

x(a(n+5-k) —a@) + oy A, (n21),

x{(n+3-K)a” -

AP =

ay +a D1y e (19)

n

+a 'y [(2n+5- 2k)a? —

k=0

a1y AE&’H} (n=3).

In calculating the coefficients A" and AP | it is
necessary to take into account that

AP = -3, AP =-1, AP =1,

MALAI

a® = o® =1, a? =4, af = 4,
a’ = F,, al? = (4-n)F,+AF,_,,
a® = 2AF,_,—2(2+n)AF,,

a = A"ni,

a {6y2 (4) [3(40(1) 0((2))+0((3)]A(2)

+ [2(30(1) (2)) + a(3)]y} ,

A(2) — V[6a(4)+2(3al (2)) +G(3)]

The constants of integration A;, A;, A, and A,
which enter expressions (13)—(17), are determined by
substituting them into the corresponding boundary con-
ditions on the surface of the drop. Once they have been
found, the force acting on the particle is found by
integrating the stress tensor over the surface of the par-
ticle[12]:

F = J'(—Pecos@ + P,,cos® — P, sin®)

) (20)
x r’sin@deden,,
where
ou? U 16U Us
P = e Pro = “egare 196 "0

are the stress tensor components in the spherical coor-
dinates and n, isthe unit vector directed along the zaxis
of the Cartesian coordinates.

Substituting (13) and (14) into (20) and integrating
yields

F = 41Rp, U, A,exp{—Ay} n,, (21)
where
A2 = —%\lg"' N4&% |:Nl"' NZ%
0 3ul O 3K

= [G,G,—G,Gll,

N1|y=1

Na|,-; = [G2(2G1 +Gy) —Gy(2G; + Gy)],

Nafy-1 = -Gy,
Naly-, = [2G1+Gi].

Substituting the coefficient A, into (21), we find the
expression for the drag (viscous) force acting on a uni-
formly heated drop moving under gravity:

= —6TRWU., U, f N, (22)
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Fig. 1. Y vs. mean surface temperature T,
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Fig. 2. ¢; and Y3 vs. mean surface temperature Tg,

where

= Zootoay B 0 B 0
= Zexp{-Ay} [N —%[N —%
T3 p VD3 43P-i Dl 23“i

Ultimately, aspherical drop moving under gravity in
aliquid with viscosity acquires aconstant vel ocity; that
is, the gravity force is balanced out by the hydrody-
namic forces. With regard for the buoyancy force, the
gravity force acting on the particleis given by

4
F = (pi—pogzmRN,, (23)

where g isthe free-fall acceleration.
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Equating (22) to (23), we obtain the rate of fall of a
uniformly heated spherical drop (an analog of the Had-
amard—Rybchinsky formula):

U, = h“nZ B]“ = SRz&—_-p—egH

24
™ (24)

If uo/p; — 0in (22), we come to the formula for

the drag force acting on a uniformly heated solid parti-
cle (an analog of the Stokes formula).

If the surface of the drop is heated insignificantly,
i.e., if the mean surface temperature of the drop differs
from the environmental temperature at infinity only
dightly [y = (Ts — T,)/T,, — 0], the temperature
dependence of the dynamic coefficient viscosity can be

neglected. Then, G, = -1/3, G, =1, G} =4, G =

20,G,=-1, Gy, =1, Gy =-2, Gy' =6,N; =2/3,N, =

2,N; =-1, and N, = -2. In this case, formula (22) turns
to the well-known expressions for a sphere that were
obtained by Hadamard and also by Rybchinsky and
Stokes [10].

The effect of heating the drop on the drag force and
therate of fall of thedrop [i.e., the effect of the temper-
ature dependence of the viscosity, formula (1)] isillus-
trated in Figs. 1 and 2. They plot, respectively, ¢ =

f/fulr - @ Yy = hy/hy|7 - s against T for
large mercury drops of radiusR=2 x 10> m movingin

water at T,, = 273 K. The curve )7 was constructed for

small temperature differences (y — 0) [10], but the
molecular transport coefficients were taken for T, = T
As follows from the curves, heating considerably
affects both the drag force and the rate of gravity fall.

Thus, we generalized the Stokes and Hadamard—
Rybchinsky expressions for the case of the steady-state
motion of a uniformly heated solid spherical particle
(drop) inanincompressible liquid under gravity at arbi-
trary temperature differences between the surface of the
particle and distant points. In the analysis, the tempera-
ture dependence of the viscosity is represented as an
exponential-power series.
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Abstract—The effect of the evaporation coefficient of a large aerosol particle on the velocity of its thermo-
phoretic motion in a binary gaseous mixture is studied. The thermodiffusion of the mixture components and
Stefan phenomena are taken into consideration. The results of this study are more general than those obtained
previously. The conventional theories of thermophoresis, as applied to avolatile high-viscosity liquid drop, are
extended for the cases of weak and moderately intense diffusive evaporation. © 2002 MAIK “ Nauka/Inter pe-

riodica” .

INTRODUCTION

To date, the dynamics of individual particlesin vis-
cous gaseous mediathat are nonuniform in temperature
and concentration has been studied at great length.
Extensive references are given in related books (see,
e, [1, 2]). In the limiting case when the effect of the
nonuniform evaporation of the condensed phase on the
reactive part of the momentum acting on the particleis
negligible, the conventional theoriesfor nonvolatile and
volatile particles give the sasmeresults. Physically, how-
ever, such an approach seemsto be rather formal, since
the absence of volatility is not specifically indicated.
Therefore, it is of interest to estimate the effect of the
evaporation rate of an aerosol particle on thermophore-
sisand diffusive phoresis.

STATEMENT OF THE PROBLEM

A volatile high-viscosity spherical particle with an
evaporation coefficient a isimmersed in an unbounded
stationary nonuniformly heated binary gas mixture
with a constant temperature gradient A+. It is assumed
that one of the components of the gaseous mixture
undergoes the phase transition on the surface with a
radius of curvature of R. Molecules of the condensed
phase evaporate or condense at Mach numbers much
less than unity and produce the first (volatile) compo-
nent of the gaseous mixture. For molecules of the sec-
ond component (carrier), the interface is impermeable.

The thermal creep of the gas over the interface
causes the particle to move in the gaseous medium. In
the laboratory frame of reference, directional uniform
transfer with creep is characterized by athermophoretic
velocity Ut The high-viscosity sphere is subjected to

the thermophoretic force, F1p, diffusive phoretic force,
Fpp, and reactive force, F,, which tend to balance the
viscousforceF,,. The desired velocity Uy is established
when the resultant force vanishes.

The problem is solved in the spherical coordinate
system (r, ©, ¢). Theoriginisrigidly related to the geo-
metric center of the sphere r = R, and the axis 0z is
directed along the vector A = OT,,, where [ is the del
operator. In this frame of reference, the center of mass
of the external medium has the velocity U = —U+.

The binary gaseous mixture is assumed to beincom-
pressible, viscous, isotropic, and continuous, and the
Knudsen number is relatively small:

_A .
Kn—R<1,

A = max(Ay, Ay),
where A; is the mean free path of gas molecules of the
ith sort.

Relative changes in the temperature and concentra-
tion are al so assumed to be small. The molecular trans-
fer coefficients are assumed to be constant if the tem-
perature T, relative concentration C, of the volatile
component, and pressure p, are undisturbed. The
parameters are undisturbed at the former geometric
center of the particle when it is absent (the value of C,
is found through the concentrations n,, and n,, of the
gas molecules of the first and second sort). Our theoret-
ical model ignores the time variation of T, and temper-
ature drops associated with heat release due to viscous
friction. Heat sources inside and in the vicinity of the
aerosol particle are absent.

We consider the case of small Reynolds numbers:
nonlinear termsin the equation of motion and the equa-

1063-7842/03/4702-0291$22.00 © 2002 MAIK “Nauka/Interperiodica’



292

tion of heat and mass transfer are omitted. External
mass forces do not act. Material circulation inside the
drop and the surface tension force are not considered.
The “solid” volatile aerosol particle retains the spheri-
cal shape during the thermophoretic motion.

Let the times of hydrodynamic, concentration, and
thermal relaxations be small compared with the charac-
teristic time of sphere transfer. Then, the state of the
gaseous medium is hydrodynamically analyzed in the
guasi-stationary approximation. This means that the
vector field of velocities v(r); the distributions of the
pressure p(r) and relative concentration C(r) of the vol-
atile in the binary gaseous mixture; and the scalar tem-
peraturefields T(r) and T'(r) outside and inside the par-
ticle, respectively, are assumed to be stationary at any
time instant and obey the axisymmetric Stokes equa-
tions, Laplace equations, and the continuity equation:

NoAv = [p , divv = 0,
AC =0, AT =0, AT =0,

where A isthe Laplacian.

At infinity and at the interface, the following condi-
tionsarevaid:

r—o:v ="Ui, T=Ty+Az, C=C,

2
(g +ny)"m,

r=Rnv,— D{0O,C+K:p,0,(InT)}

= av(ng +m){Cy(T) -G},

2
(g +1ny)"my

n,v, + D{O,C+KpO,(InNT)} =0,

Vo = Kig UgT+Kpg OgC, T =T,
—KoO, T+ Ko, T' ==L myav (n, + n,){C(T)-C} ,
E, =0,

p = mn, + myn,,

1
- N " o 2
C= n, + n2’ CS(T ) B

nls(Tl)
n,+n,’

O KT O
(Prim U’

VvV =

No = N(To, Co, Po), Ko = K(Tg, Co, Po),

Ko = K'(Tg, Po)-

Here, n, and n, are the concentrations of the gas mole-
cules of thefirst and second sort with respective masses
of m; and my,; D is the coefficient of interdiffusion for
the gas mixture components; L is the heat of evapora-
tion of theliquid; Kk and k' arethethermal conductivities
of the gas phase and the condensed phase, respectively;
k isthe Boltzmann coefficient; and the subscript srefers
to the saturated vapor of the volatile.

The above conditions have the following physical
meaning. At infinity, the axisymmetric flux of the exter-
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nal medium isuniform and hasthe velocity U, whichis
directed along the positive branch of the 0z axis. The
temperature field T(r) and the distribution of the rela-
tive concentration C(r) of the volatile component are
undisturbed.

The normal flow of thefirst (volatile) component at
the interface is represented as the normal outflow of the
volatile vapor from the surface through the Knudsen
layer and is proportional to the evaporation coefficient a.
The surface of the aerosol particle is impermeable for
its carrier.

The shear component of the velocity of the external
medium is the sum of the velocities of the thermal and
diffusive creeps, which are proportional to the local
shear gradients [gT and [gC, respectively. The pro-
portionality coefficients,

[ no [
Kie = Kyg——=, Kpg = Kpg D,

TSL TSL pOTO DSL DSL
are determined by mathematical methods used in the
kinetic theory of gases.

Since the Knudsen number is small, the isothermal
creep, having the near-zero (KnU) velocity is neglected
[1, 3]. The temperature and the normal heat flux with
regard for the phase transition are continuous.

The resultant force F, acting on the volatile drop on
the side of the incoming flow of the external medium,
equals zero.

At the interface, the normal flux
av(ny +n)m{ C(T") - C

of the volatile material and the difference between the
normal heat fluxes outside and inside the drop have
opposite signs.

In the left-hand sides of the first and second bound-
ary conditions, the thermodiffusion force neglects the
barodiffusion term and the term with the other forces,
since they do not act on the gas molecules. The right-
hand side of the first equality is obtained from simple
statistical considerations that the evaporation coeffi-
cient and the coefficient of vapor condensation equal
each other.

L et the gas moleculesin the Knudsen layer of thick-
ness| ~ A obey the Maxwell distribution and let v des-
ignate one quarter of the mean absolute thermal veloc-
ity of vapor molecules. We assume that molecular
exchange in the Knudsen layer isfree, asin free space.
Then, the rate of evaporation from unit surface areais
av(T)(n, + ny)C(T". Since the diffusion equation is
valid only outside the Knudsen layer, the rate of vapor
condensation on unit surface areais av(T)(n; + n,)C,
where C is the relative concentration of the vapor mol-
ecules at a distance | from the particle. On a dlightly
curved surface, T=T'and v =v(T) =v(T"), so that the
rate of evaporation from this surface is given by

av(ng +n){ C,(T") - C(T)} .
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This expression coincides with the right-hand side
of thefirst boundary condition if the Knudsen layer for-
mally tendsto disappear (Kn — 0). The above expres-
sion for the norma vapor flow out of the surface
remainsvalid if the direct effect of volatility on the dif-
fusive phoresis of isolated large spherical high-viscos-
ity drops is taken into account [4].

The partia pressure p; and the concentration n, of
the saturated vapor of a neutral volatile particle depend
on the absolute temperature T ' and the radius of curva-
ture of the interface (Kn < 1). Let the state of the satu-
rated vapor be far from critical, the vapor be approxi-
mated by perfect gas, and the saturation vapor pressure
be nearly the same as the flat-surface pressure. Then,
for the dynamic equilibrium of the condensed phase
and the gaseous phase of the pure volatile, the approxi-
mate integral of the Clapeyron—Clausius equation can
be written as

T-T
pr(T") = pls(Tw)exp “ “@

Pus(T") = Nyg(THKT".

Here, T, isthe mean temperature on the surface of the
volatile sphere (determined from the solution of the
problem), R, is the gas constant, and U is the molar
mass of the condensate. The temperature dependence

-

is expanded into the Taylor series in (T' — T,). If the
nonisothermality of the aerosol particle is small, only
thefirst two termsof the seriesareleft and the estimator
of the function C(T") at the point T' = T, has the form

Cy(T) = Cy(Ty ) eXIO

oC oLy O
I = «(T
aTI T=T, 0) ( O)ERQT ID
Lp T, TOD
X ex .
pDRgT To D

This expression is applied in the numerical analysis
of the results what follow.

The solution of the axisymmetric hydrodynamic
problem will be represented in terms of the stream
function W. In the coordinate system (r, ©, ¢), the
velocity component and the z projection of the resultant
force acting on the sphere (r = R) in the Stokes approx-
imation are defined through the function W = W(r, ©) as
follows [3]:

1 o¥
r’sn@d0®’

__1 ow
© " rsn@ar’

Ve = 0,
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s

CE“wd
F, = tnyfr smG)iD%PD

do,
orgr? g
9 sn@ol1 o0

2
=Tt 96-5n696

In the dimensionless form, the physical quantities
involved in the equation of hydrodynamics, equation
for heat and mass transfer, and boundary conditions are
expressed as

Fol g opoote go Y
r_Ra Vr_U1 V@ Ul LIJ UR’
~ T-Ty =~ T-=-Ty =~ _ F,

- AR’ - AR’ 7 BmnyRU

Later on, the tilde is omitted and the problem is
stated in the following linearized form:

E'Ww =0, AT=0, AT'=0, AC=0, (1

o 0,107
or>  r? a*
_ 197200, 190
= Zor0 a0 2ot Z)azm @)
. _ 1> 2 _ _ .
r—»oo.kIJ——ér(l—Z), T=2z C=C¢C,
r = 1: ECO+(1—CO)E%UVr
0 My
. . ©)
= avey () + 28 (-1 -,
O oT |1=¢ O
OJ m
(1-Co) o+ (1-Co) UV,
0 1]
(4)
DC oTd _
YRy TRmot5 0 = 0
U=—2e a
J1=¢ (5)
No oT QQ(_:
KTSL OTOATGZ KDSLRaz!
T=T (6)
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(7)

Ny = N+ Ny, Pg = MyNgp+ MMy,
T,-To (8)

<
AR 1

-1<{ = cos@=<+1, 1 =

AR
0

If the liquid drop is covered by athin film of a con-
taminant, it is considered to be nonvolatile (a — 0)
and the surface of the condensate becomes imperme-
able for the external phase; that is, the norma compo-
nent at the interfacer = 1 vanishes.

< 1.

€ =

DETERMINATION OF THE THERMOPHORESIS
VELOCITY

The general solutions of Eg. (1) have the form of
infinite series in nth-order ultraspherical polynomials
of degree £0.5;

1 1
I(Q) = CAQ), Pu(Q) = CA(Q),
w(r, )
= S A BT+ Cr™ P+ DY 3,(Q),
n=2
v (r, Q)
= _Z {Anrn_2 + Bnr_n_1 + Cnrn + Dnr_n+l} Pn—l(Z)l

[

Vo(r0) = Y {nAr"*~(n-1)Br "

n=2
; TN (4!
+(N+2)Cyr"=(n=3)D,r "y
J1-T
_ D n L Fn PN ol
T.(r Q) = Z P Q).

n

C(r Q) = 5 {Kar"+ L™ 3 Py(Q).
n=0

Taking into account conditions (2) at infinity and the
finiteness of the temperature at the center of the parti-
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cle, we can supplement expressions (3)—8) by the
expansions

W Q) =30 + Y {Byr "+ Dy} 3,(2),

T(rQ) = ri+ Y Fr " Py(Q),
n=0
T(n Q) = Y Gur"Py(Q),
n=0

C(r Q) = Cot+ Y Lar ™ 'Py(Q).
n=0

Properties (A2), (A3) and orthogonality conditions
(A5), (A6) for ultraspherical polynomials allow us to
write the expressions for the constants of integration
(n=2):

C1)=Co+ 9% (Go-T)-Lo =0, (33)
T=1
O m
—[CO+(1—CO)—%U(—1+ B,+D,)
0 my
(30)
O
G,—-L,
]
] m
—Epo"'(l_co)ﬁ%U(Bml"' Dns+1)
] 1]
(30)
O
G,—-LO,
0
Lo+ eKipFo = 0, (4a)
U m
(1= Co)ECo + (1—Co) HU(-1+ B, + D,)
| My (4b)
+ 2{2L,+ eKpp(-1+2F))} =0,
Ol m
(1-Co) o+ (1~ Co) U (By. 1 + Dy )
] 1] (4c)
+(n+ 1)L, +eKipFd = 0,
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U(2+B,-D,)
5a)
- 2KTSLp”° Ar(1+F, )+2KDSLRL1, (5
U{an+1+(n_2)Dn+J}
O D O (5b)
= EKTSL T AF +KDSLﬁLan(n+1)!
Polo 0
Fo =Gy, 1+F, =G;, F,=G,, (6a—6c¢)
Ko Lm,avn,
'FO - - 1
Ko ArKg
(79)
O
X[C3(T) Cot 6C3 (Go—T1)—Ld7,
T=r1 |:|
Ko
—(=1+2F;) + G,
Ko
(7b)
Lm,avn
- tMOMLIC G, i,
ATKO DaT T=1 O
Ko
_.(n+ 1)Fn+nGn
Ko
(70)
Lm,avn
= _LYO@CS Gn_LE-
ArKo [O0T |12+ 0

From relationships (3a), (4a), (6a), and (7a), wefind
Fo =Gy, =1L, =0. (8)

With property (A4) and condition (8), the integra-
tion of the expression for F, yields

+1
0 OE*Wd 2
) ot = 3

z D_ D,
6_]- arDr 0 2

D, = 0.
From Egs. (3b) and (5a) in view of (6b), we find
il m.
3EC, + (1-Co) U
0 1]
= 2Epo+(1 Co) %KTSL

AT(l +Fy)
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0 m. D
+2[Co + (1_CO)E%KDSL§L1
0 1]

U
(1+F)-Lp.
0

From Egs. (3b), (4b), and (7b) in view of (6b), we
have

av Rac

U
E(l Co)— —2eKpg(1+ Fy)
O

©

ov R

—IIQ"'(]- Co) D DLl = —3eKqp,

LLmyavnegC,

+1+ 2K—f’%(1 +F;)
|:| ATKO aT Kd:l

T=1

(10)
_Lmlo(\fnol_1 _ 3K_?.
ArKy Ko

The solution of the set of equations (9) and (10)
yields

A
+F, = 3—
1+F, 3A’

A= g+2 qu2+(1 CO)GVRD

N 2Lmlonf Ny ECS

O
+ SKTDElv
ArKo 0OT O

T=1

A ovRd
UZ +(1- Co)_D +&eKqp ;
Ko[J D O ArKo

Lm,avng

avR
£o(1-Cp) TURIC,

A" e
Ko D a7

T=1

LLmavnggC

O
== +17.
0 ArKe aT

=t O

+eKqp

Eventually, for the velocity U = —U, we obtain

: r]O DA"
U= 2KTSLpOTOATA 2KDSLRA
0 K 0 (11)
T=1 DA

m 1
Co+ (1-Co) 0 Ko OT
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The set of equations (3c), (4c), (5b), (6¢), and (7c)
hasthetrivia solutionB,,;=D,.;=F,=G,=L,=
a any n = 2. The mean reduced temperature T at the
interface is found by solving the transcendental alge-
braic equation

Cy(1)—Co— 95

T=1

ANALYSIS OF THE RESULTS

In formula (11), the first and second terms stand for
the thermal and diffusive creeps, respectively. Thethird
one is associated with the phase transition and
describes the action of the reactive part of the momen-
tum on the particle. The temperature dependence of the
relative concentration of the volatile component vapor
and the volume thermal diffusion effectsin the gaseous
mixture cause nonuniform evaporation from the con-
densed phase boundary and, accordingly, the reactive
effect.

In the limit case a — 0 and K;p — 0, the ther-
mophoresis velocity of a solid nonvoléatile aerosol par-
ticleisgiven by [1]

2-0
1 r] K
U = KTSLp_-?- OK T
0 01+2-2
K

In the limit case of alarge volatile spherical single-
component high-viscosity aerosol drop, the theory of
thermophoresisin abinary gaseous mixture (neglecting
thermodiffusion effects) [5] gives the following for-
mula (in our designations):

Kol
U—ZK&pTu %)°

0C, 1
£ 2K 2(1-c Ko =
DSL ( O) oaT u TQ
+ 2 DKoo C, 1
m,R Q’
Cot (1-Co) Ko0T |+
Lm;nygC D
Q = +2 (1 Co) +2—29s| =
%- ° ATKO aT T:TR

This formula also includes the heat flux due to the
convective transfer of the volatile on the surface of the
drop.

It should be noted that the limit case of anonvolatile
drop [5],
G _.o
T T=1
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does not mean that volatility as a phenomenon is
absent. This limit merely indicates that the reactive
effect disappearsin the linear approximation.

If thermodiffusion is neglected and the high-viscos-
ity drop intensely evaporates in the diffusion regime,
avR
expression (11) gives an estimate of the center-of-mass
velocity U" of the gas. Therefore, expression (11) isthe
most general.

The condensation (evaporation) coefficient is usu-
aly defined as the probability that a vapor molecule
striking (leaving) the surface will not leave (return to)
it. The disadvantage of such adefinition isthat the asso-
ciated coefficient is found indirectly, for example, by
measuring the rate of condensation growth (evaporative
shrinkage) of the drop. The condensation (evaporation)
coefficient is difficult to find experimentally. The liter-
ature data on this point are rather contradictory. For
example, the coefficient a for water drops measured by
avariety of techniques reviewed in [6, 7] was found to
be both low, a = 0.01 [8, 9], and high, a = 1[10, 11].
From expression (11), it follows that if

oC,
aT T=1

the drop tendsto movetoward colder regions of the gas-
eous medium by virtue of the first and third terms
(“positive” factors). The effect of the second term on
the velocity U+ of thermophoresis depends on the coef-
ficient Kpg @ if my >m, (Kpg <0), thedirections of the
vector A+ and the drop coincide; otherwise (M, < my;
Kpg. > 0), the directions are opposite.

The effect of volatility on the thermodiffusion fields
and thermophoresis can be neglected if the evaporation
of the drop is sufficiently weak and the thermodiffusion
effects are pronounced:

>0, Kp =0

avR

<—<
0 5 1,
0<9S  <gKky <1,
oT T=1
Lm,avn K
0.<6]Kro] 2 KoaVR 4
ArKg Ko D

From these inequalities, we have

7y

Kd]
, —2—, A"— eKqp,
KID K D
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Combining the above inequalities with the estimate

0C = ec(o)t -0

(R, To

we obtain the condltl ons when the effect of volatility
can be disregarded:

avR Ly LmanD

—<1
RyTo

The distributions T(r), T'(r), and C(r) are nearly
independent of the thermal conductivity of the gaseous
mixture if that of the volatile drop is high. The drop
gains the unbalanced momentum primarily through
thermodiffusion:

‘ < Kol [Krol <1

LLm,avneg C,

A" —r Ky a2V T00C,
TDD Arky 0T

+1,
O

T=1

A—2+(1- c:0)9‘l’—'3

N 2Lm10(\f Ny ECS

0
+ eK .
Ak, 0OT ol

T=1 O

Also of interest is the dependence U = U(a):

du Koo C, U1
——ZVGJK,K[Q —eKpd=,
da ( 0 o) KOOT . TDEAz
Lmn
(i K;) = ~2Krg —r
0'o0Mo
0 K Lm;n,D0
+ Ko (1 - Co) L + 2= + 2K p—=—0
O Ko KoTo [
+; +2
Ko~

m
Co"‘(l—co)ﬁ

The function U(a) is monotonically decreasing or
increasing. It does not depend on the rate of evaporation if

D(Kp, Kp) = 0,
OOC
—eKip = 0.
Ko 3T . ™

Here, the first and second relationships between the
physical quantities characterizing the state of the media
outside and inside high-viscosity aerosol drops are
valid for drops with alow and high thermal conductiv-
ity, respectively.
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Figures 1-3 plot the ratio U/U ' against the evapora-
tion coefficient a for awater drop (R = 100 pm) in the
steam-air mixture for the undisturbed temperatures T, =
293, 303, 313, and 323 K; ny = 2.70 x 10® m3; and
Co= 0.01. K = Ky/Ky = 1 (Fig. 1), 0.01 (Fig. 2), and
0.0001 (Fig. 3). Necessary reference data were taken
from[1, 2, 12].

When a is small, the thermophoresis velocity
depends on a very strongly. This dependence is
extremely weak at a = 0.05. At not-very-high tempera-
tures, water volatility changes the velocity of thermo-
phoretic transfer several fold in comparison with U'.
Thisis consistent with the results obtained in [13].

APPENDIX

Jn(E) - Pn—z(zzn)__fn(Z), n221 (Al)
dJ,(Q) _

e —Pn_1((), n=1, (A2)
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-T2 = nne1)3,,@, n20, A3
o DZ foor n=0
_ e _
J'Jn(Z)dZ = % for n=2 (A4)
N 0 for nz0;2
}JmmJn(Z)dZ:éb o men (15)
5 1-¢ S-Den-p M
+1 %b for m#n
[Pi@P@% =02 . _ (A9
] n+1 -

Orthogonality conditions like (A5) require that
m#0,1andn#0, 1.
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Abstract—An interaction between capillary oscillations of a charged drop and an external acoustic field is
investigated under conditions in which nonlinear components of the acoustic pressure on the drop surface may
be neglected. It is shown that equations describing the temporal evolution of modes of the capillary wavesin
this case may be either the Mathieu—Hill equations or ordinary inhomogeneous equations of the second order
describing forced oscillations. In both cases, the drop instability (of a parametric or resonance type) may result
in its disintegration due to deformation caused by the acoustic field at its own drop charge, subcritical in the
sense of the Rayleigh criterion. © 2002 MAIK “ Nauka/Interperiodica” .

1. Investigation of the interaction between an acous-
tic wave and a charged liquid drop is of interest in con-
nection with numerous applications in geophysics,
physics of aerosols, physics of thunderstorm electricity,
acoustic levitation of drops in experiments aimed at
producing high-purity materials (see, for example,
[1-7] and the references therein), and other fields.
However, some aspects of the excitation of capillary
oscillations of a drop by acoustic waves are still insuf-
ficiently understood. For example, the stability of a
charged drop exposed to an acoustic wave, as well as
the effect on the energy transfer from the wave to the
drop of the wave intensity, drop size, and its viscosity
have not yet been investigated, though it was suggested
that acoustic waves can affect disintegration and coa-
lescence of charged drops, and conditions for rain pre-
cipitation [3]. Most of the early investigations dealt
with the force acting on a drop of in an acoustic field
produced for the purpose of ultrasonic dispersal of fogs
and clouds [1, 4] or acoustic levitation [2, 3, 5-7];
therefore, the acoustic field was assumed very inten-
sive, thus limiting the variety of possible interactions.

2. Consider a problem of dissipation of a plane
sound wave by adrop of an ideal incompressible elec-
troconductive liquid of a radius R having a density p,;
and surface tension y carrying an electrical charge Q.
The ambient is assumed to be ideal and compressible
with apermitivity € = 1 and density p..

The plane sound wave propagates from —o along the
zaxis, partially dissipating asit passesaround theliquid
drop, experiencing thermal vibrations about its equilib-
rial spherical shape, and travels away toward +o. The
potential of the velocity field in the ambient produced
by the plane acoustic wave has the form

d(r,t) = doexp(ikz—iwt), (D)

where ¢ isthe amplitude of the acoustic wave, kisthe
wave number, wisthe oscillation frequency, andi isthe
imaginary unit.

An equation of the ambient-drop interface (drop
surface) perturbed by the capillary wave motion in a
spherical coordinate system with the origin at the drop
center of mass can be written in the form

r(e,t) = R+&(0,1),

where £(0, t) isasmall perturbation of the drop equi-
librium spherical surface caused by the thermal motion
of the molecules of the drop and the ambient; || < R;
and the angle © isreckoned from the propagation direc-
tion of the plane acoustic wave.

The resulting wave mationsin the drop and its envi-
ronment are of the potentia type, with potentials

An expression for the pressure exerted by the acous-
tic field on the drop surface has the form [8]

_ 0y Py m?lpﬂz 1 2
P = Pyt 2ot O —5Pa(gradyy)”,  (2)

where V is the speed of sound in the ambient.

As mentioned above, in most of the earlier investi-
gations on the effect of an acoustic field on adrop (see,
for example [2, 3, 5-7] and the references therein), the
expression for the field pressure on the drop surface
was averaged over the period of the acoustic wave. As
aresult, the pressure component linear in s, vanished
and in the subsequent analysis only terms quadratic in
W, were kept. In amore general case of the interaction
of an acoustic wave with capillary drop oscillations, the
term linear in Y, should not be discarded, assuming that
thisterm is of either zero or first order with respect to
|E/R. Below, situations are considered in which the

1063-7842/03/4702-0299%$22.00 © 2002 MAIK “Nauka/ Interperiodica’
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term of the acoustic pressure linear in Y, plays a deter-
mining role, while the terms quadratic in ), are negli-
gible.

Let the potential Y,(r, t) of the velocity field of the
ambient be

Wo(r, 1) = o(r, ) + 6P (r, ) +69(r, 1), (3

where ¢@ is the potential of the velocity field of the
acoustic wave dissipated by the unperturbed drop sur-
face; @ is an additional dissipation of the acoustic
wave caused by its interaction with the drop surface
oscillations.

In the problem considered thereisasmall parameter
[§/R << 1, which is defined by the amplitude of the cap-
illary drop oscillations. One more small parameter,
kR < 1, may be of importance if the incident sound
wavelength A is much less than the drop characteristic
size R (see Appendix).

Let ¢, be of zero order of smallness with respect to
[€J/R. The potential Y, of the liquid velocity field in a
drop is a harmonic function of the first order of small-
ness with respect to |€/R [9]. The additional term ¢©
dueto the interaction between the acoustic field and the
perturbation &(©, t) of the equilibrium spherical sur-
face of the drop is naturally assumed to be of an order
of smallness not lower than |/R. Mathematical formu-
lation of the problem considered has the form

Ay, = 0, (4)
r = R+£(0,1): aa_q:l = aa_q:zl (6)
Ap- plaa—qil + pzaa—q:? . Zp—\jzgaait%z - %pz(gradwz)z(s)

+F(0,1) = v[é—R%(m D)

r=0: |y <oo, 9)

where Ap is the differential of the constant pressure
componentsin the drop and the ambient; Fy(©, t) isthe
pressure on the drop surface of the electric field due to

itsown drop charge; and L isthe angular component of

the Laplacian operator in aspherical coordinate system.

In addition, we postulate that the potentia Y(r, t) sat-
isfiesthe Zommerfeld radiation condition at infinity [10]

oy, . _ ~fn

—_— —1 kl.IJz - OEFD.

T (10)

[ —>00;

GRIGOR’EV et al.

Due to periodicity of the potentia W,(r, t) in time,
P, ~ exp(—iwt), Eg. (5) transforms into the Helmholtz
equation

2

w

It is obvious that the incident plane acoustic waveis
a solution of this equation. Substituting (1) into (11)
gives adispersion relation k? = (w/V)2.

Let us expand boundary conditions (6)—8) in the
vicinity of the unperturbed drop surfaceat r = Rin the
small parameter [EJ/R keeping only the terms linear in
|EVR:

?——lpz _ @ N aq)(l) . aq)(z)

r=R or adr  or or (63
a)
2 2, (1)
+a_(IZ)E+aLZE = a_lpl’
or or or
08 _ 0y,
at ~ or’ (73)
0 0 2
Ap- pla&tl + pz[aiﬂ + P2 0¥

2v2UotD

1 2 _ 2 1 ~
~3Palorady;) 4 F(0,0) = y| 5~ —5(2+ L)E](Sa)

op, oo 09"  99? %0, %"
ot ot T ot T ot Tarot T arate

Let us analyze the problem formulated in (1)—(5)
and (6a)—(84) to an accuracy of the zero and first orders
of smallness with respect to |§|/R.

3. From boundary condition (6) it followsthat in the
zero approximation with respect to |¢/R the normal
component of the velocity field of the ambient becomes
zero at the unperturbed drop surface:

a_¢+a—¢(l) =0
or or '

This condition means that the acoustic wave does
not interact with the capillary oscillations of adrop and
that dissipation of the incident acoustic wave by the
drop in the zero approximation with respect to |§J/R
occurs in the same way as by arigid sphere. The prob-
lem of dissipation of a plane wave by arigid sphereis
formulated by an equation similar to (11) with bound-
ary conditions (6b) and (10) for the potentia . Thus,
in the zero approximation with respect to |¢|/R, the
potential ¢ of the dissipated acoustic wave is found
by solving the problem

(6b)

A¢(1)+k2(|)(l) =0,
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[ —00;

00" . 0 _ 4o
K s

with boundary condition (6b) at the drop surface. The
potentia ¢(r, t) of theincident plane wave satisfies the
Helmholtz equation (11) and radiation condition (10)
automatically.

We shall seek ¢ in the form

0% = 3 DahknP (e,
n=0

K = cosO,
where hf]l) (kr) are the Hankel spherical functions of the
first kind and P,(lt) are the Legendre polynomials.

Expanding the plane wave in a series in P,(l1) we
obtain

o) =00y i"(2n+ DinknPepian.
n=0

Here, j,(kr) is the Bessel spherical function. Substitut-
ing (12) and (13) into (6b) we find unknown coeffi-
cients D,, in expansion (12), which now takes the form

o = _i[

n=0

0oi"(2n +1)(0j,/0r)
oh™M/ar

} L (14
x P (kr) Py (1) exp(—iwt).

The zero-order component with respect to |EJ/R in
the dynamic boundary condition defines an equilibrial
shape of the drop (see, for example, [11]), which is
spherical in the problem considered. Note that the pres-
sure of the acoustic field (2) on the drop surface aver-
aged over the period of the incident acoustic wave
[5—7] does not contribute to dynamic boundary condi-
tion (8) in the zero approximation with respect to [EJ/R
at kR < 1: for the plane wave (1), the sum of nonlinear
termsin (2) vanishes and the rest of the components of
nonlinear terms, V-2(a9D/at)?, V-2(ad/ot)(0pM/ot) ~
(WV)9o® = Koo ®, (V)(Vo™), and (V$1)? are of
an order of smallness not lower than ~(kR)?, which can
be easily demonstrated by expanding the cylindrical
functionsin (13) and (14) and the reduced products of
derivativesin seriesin kRin aregion where kR < 1.

4. IntheAppendix, it isshown that according to (13)
and (14), at r = Rthe module of the ratio of amplitudes
of the dissipated and incident partial waves, by an order
of magnitude, is of ~(kR)° for n = 1, and ~(kR)? for
n = 0. To smplify the following computationsfor kR << 1,
we confine the consideration to the case of dissipation
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by thedrop of only the zero partial wavein expansion (13);
that is, we assume that

sin(kr)

¢ = do—p—exp(-wt). (133)

Then, from (14) for ¢, it follows that

(9jofar)

1 _
o = _%[ h$/ar

} h(l)(kr)exp(—iu)t), (143)

and at r — Rwe have ¢® ~ (kR)%.

We assume for definiteness that the small parame-
terskRand |¢/R arerelated as (kR)? ~ |EJ/R. Then, inthe
first approximation with respect to |¢/R, we deal with a
problem formulated by (4) and (11) with the boundary
conditions

_ o 09?07 0°0, L0000 oy,
I’ — R ar arz E - ar ’ (GC)
0
_ 00?1 9ot 99
Py at pz[ ot v2letd T ot }
(8c)

+FOO,1) = —v;{—2<2+ 0)E,

where Fgl) (©, t) isthe pressure of the electric field of

the drop own charge in the approximation of the first
order of smallness with respect to |EJ/R.

Components of the acoustic pressure in (8c) (the
second and thethird termsin brackets) at r = Rare func-
tions of time only; therefore, they can be eliminated by
redetermining the velocity field potential y,(r, t) [9].
The component of the acoustic pressure ~(V),)? van-
ishes due to condition (6b). The other terms of the
acoustic pressure are of a higher order of smallness
with respect to |&|/R than the first term.

We shall seek the potential ¢2(r, t), which must sat-
isfy the Helmholtz equation (11), in the form

0P(r.1) = Y B (kn)P (W) exp(-iwt).  (15)

Excluding from the consideration radial oscillations
of the drop, which areimpossible in an incompressible
liquid, and the trandl ational mation of its center of mass
because the origin of the coordinate system coincides
with the center of mass by definition [9], we represent
the sought for potential of the velocity field P,(r, t)
inside the drop and the perturbation &(®, t) of the drop
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equilibrium spherical surface in the form of an expan-
sion in Legendre polynomials:

Py(r,t) = zAn(t)r”Pn(u), (16)
€(6,1) = % a(t)Pn(R). (17)
n=2

We borrow from [12] an expression for the pressure
of the electrical field due to the charge residing on the
drop surfacein the linear approximation with respect to
|EVR:

-
FOO,0 = 255 a(n-1)P,m).  (19)

Substituting (13a), (14a), and (15)—(18) into bound-
ary conditions (6¢c)—(8c), we obtain a set of equations
describing the tempora evolution of the amplitudes
a,(t) of capillary oscillations of the drop:

2

a .
1+ E,cos(wt) = + [ W, — WE,sin(wt)] a, = 0,

t2

da,
dt

oP2nh;”
E,= Re[%(fm(k, R) ~an(k. R)) |

G,(kR) = Re[l - poNhy (kR) }

p:nh{P(kR) — p; kRN 1 (kR)

2. (1)
fon(k'R)E{a j;r(l«)/ahnar(kr)} o)

oo (k. R) = [aj(grkr)/ahgzr(kr)l

=R

5 {azhgl’(kr) / ahﬁl)(kr)}

or’ or
2
W= =D (1o _w), w2
p.R°G,(kR) 4neR’y

Set (19) is an infinite set of the independent
Mathieu—Hill equations. With the help of the substitu-
tion

E, .
ay(t) = Z(t)exp%sn(wt)%
this set can be reduced to a simpler form [14]

dzz 15 2 1 . 2 —
a-t—z + [EE” cos (wt) — EEn(,OSIn(Odt) + wnO}Z(t) - 0.(

20)

GRIGOR’EV et al.

For further consideration we assume that (p,/p;) ~
108, while ¢, R, and k are such that E,, isasmall quan-

tity: that is, E, < 1. Then, neglecting the term ~E§ in
(20) wereducethe equation obtained to the classic form
of parametric oscillations, which is convenient for anal-
ysis[13]

d*C, 2 : _
=— + W[ 1—hsin(wt)]Z(t) = 0,
dt (21)

h=E,w/2w < 1.

It isknown [14] that parametric resonance may take
placein adrop when the frequency of an external stim-
ulus w becomes close enough to twice one of the natu-
ral frequencies w,, of the capillary drop oscillations.
Therefore, we assumethat w = 2w, + €, where € <€ wy,
and then seek asolution of Eqg. (21) by amethod of vari-
ation of arbitrary constants, as it was done in detail
in[13]. As a result we find that the parametric reso-
nance at the frequency w,, will take place in the system
under consideration if asmall additional term € satisfies
the set of inequalities

—hw,¢/2 <& <hw,y/2. (22

In this case, the interaction of an acoustic wave with
a vibrating drop is accompanied by the parametric
buildup of the drop oscillations at the frequency wy. If
the drop’s own charge is close to the critical onein the
sense of the Rayleigh criterion (W — 4), then thedrop
can disintegrate as described in [15].

According to (22), the frequency bandwidth of the
external force in the vicinity of w = 2w,,, in which the
parametric resonance is realized, is proportiona to h
and the parametric instability factor n, is of the same
order ash [13]:

B 1_ lj]wanZ 82 172

The above consideration has been carried out in the
framework of amodel of ideal liquid when the paramet-
ric buildup of oscillations takes place at an arbitrary
small amplitude of the acoustic wave. If the liquid vis-
cosity is taken into account, causing damping of the
drop vibrations in a compressible medium with the
damping rate [14]

Xn = —F%z(2n+1)(n—1)G;1,

where v is the coefficient of kinematic viscosity, then
the frequency bandwidth (22), in which the parametric
instability isrealized, is reduced as follows:

2 1/2 2 12

U2 d o2 U
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However, a more important consequence of taking
into account the viscosity of a real liquid is that the
parametric buildup of capillary waves can now be real-
ized starting only at a certain finite (threshold) ampli-
tude h = hy(or ¢ = ¢o) of the acoustic field [13, 14]:

(23)

From (23) it is easy to obtain a condition directly
related to the amplitude range of the acoustic signal in
which the parametric instability is realized:

VP, W,
b0z bo, = 42 2(2n+1)(N-1)

he = 4X,/W0.

-1

< CRe[ Yok, R) = 3ol RNV (R [
U il

From the relationship obtained it follows that in the
approximation used, kR < 1 at p,/p, > 1, theamplitude
threshold for the parametric instability of an acoustic
wave due to viscosity isvery large even if the viscosity
islow.

Note that, in a more general case than discussed in
this section, dissipation by adrop not of the zero partial
wave but of partial waves with a higher number or the
whole plane wave (13), a set of the Mathieu—Hill equa-
tions for amplitudes of capillary drop oscillations turns
out to beto involved and itsanalytical analysisbecomes
difficult. Thisis the reason why the consideration here
isrestricted to the case of dissipation of the zero partial
wave.

5. Now, we assume that kR ~ 1 and the potentials ¢
and ¢@ are of the first order of smallness with respect
to |§|/R; that is, we consider the dissipation of acoustic
waves of avery small amplitude by a drop of aradius
comparable with the oscillation wavelength. The
hydrodynamic potential of the velocity field of the
ambient accurate to the first order of smallness with
respect to |&|/R has the form

Wo(r, 1) = ¢(r, ) +6(r, ).

Then, within an accuracy of the first order of small-
ness with respect to |¢J/R, we arrive at the problem for-
mulated in (4) and (9)—(11) with boundary conditions
(6)—(8) at the unperturbed drop surface; that is, at r = R,

oy, _ 0y, 0oy
o = or Sar (60
08 0y
ot or’ (7d)
oy, 0y, - _Y L
i P H (O 1) = —52(2 +L)E. (8d)

We will seek the potential (r, t) of the velocity
field in the drop in the form (16), the perturbation
&(0, 1) of the equilibrium spherical drop in the form
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(17), the potentia ¢O(r, t) of the velocity field of the
dissipated acoustic wave in form (12), and the dissi-
pated plane acoustic wave will be taken in the form
(13). Now, we substitute (12), (13), (16), and (17), tak-
ing into account (18), into (6d)—(8d) and obtain a set of
independent inhomogeneous ordinary differential
equations of the second order with constant coefficients
describing the temporal evolution of amplitudes a,, of
the modes of capillary drop oscillationsfor n= 2

2
d“a,

= +Wod, = WSexp(-iwt), n=2,

S, =9y(2n + 1)nkRe (24

o BT palhi (KR)jn(KR) =y (kR 2 (KR
0 Gu(kR)ps[kRRY 4 (kR) —nh’(kR)]

Partial spherical acousticwaveswithn=0and 1inthe
approximation assumed do not interact with the drop
capillary oscillations and are dissipated as by a rigid
sphere.

The general solution of Eq. (24) is easily obtained
using a conventional technique [13]:

2, = Coexp(—iwnot) + ———S,exp(-iwt).

Who— W

In the case of resonance, when the external field fre-
guency w is close to one of the natural frequencies wy,
of the drop oscillations we assume that w = w, + €,
where € < 5. Then the solution can be represented in
the form

a, = (Cn+ Nnexp(—ist))exp(—i(,onot),

W

2

N, 5
(,L)no_(k)

S,

Theterm in brackets does not change much over the
oscillation period due to the smallness of €, and the
oscillations have avariable amplitude L, (t) close to the
resonance. We can write

a, = Ly(t)exp(iwpyot),
La(t) = |C,+ N exp(iet)|

= JC2+ N2+ 2C, N, cos’(et).

The constant C,, is defined by the amplitude of the
nth mode of the drop natural oscillations at the initial
instant.

From the expressions obtained above it is seen that
as the frequency of the incident acoustic wave
approachesthe natural frequency of the nth mode of the
drop free vibrations (at € — 0), the amplitude of this
mode rises unboundedly and varies periodically with
time with the frequency €. The unboundedness of the
amplitude growth arises from neglecting in the model
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the influence of the energy dissipation of the oscilla-
tions. In areal physical situation, the viscosity of the
liquid limits the amplitude growth.

To take into account the liquid viscosity, assuming it
to be small, one should add a vel ocity-dependent term
to (24) [9, 13:

v -1da

FT = ZEZ(ZH + l)(n—l)Gn a

From an analysis of the obtained equation for the

drop forced vibrations asis done, for example, in [13],

it is easy to find that if the viscosity is taken into

account, the amplitude of forced oscillations does not

becomeinfinite, asisthe casefor aninviscid liquid, but
tends to that given by the expression

x = WS

" 2(‘onOXn,

X = R12<2n+1)(n—1)<3:‘,

which defines the amplitude of steady-state resonance
oscillations. It iseasy to see that the steady-state ampli-
tudeisof an order of the amplitude of the acoustic wave

q)ox;l (since §,~ ¢~ |&I/R). In other words, in compar-
ison with thermal oscillations of the drop, the ampli-

tude of forced oscillationsis aslarge by afactor of X" .
This meansthat at X,, << 1 the drop may become unsta-
ble as a result of considerable deformation even if its
own chargeisslightly lower than an order of magnitude
corresponding to the Rayleigh limit [16].

CONCLUSION

An external acoustic field is capable of causing
steady oscillations of the drop surface, both of the
forced and parametric types, with the amplitude deter-
mined by the drop internal parameters: charge, radius,
surface tension, viscosity, as well as the amplitude and
frequency of the acoustic field. For a certain ratio
between the frequency of an acoustic wave and that of
the natural frequencies of drop oscillations, a resonant
growth of the amplitude of the corresponding mode of
the drop oscillations is observed. When the oscillation
amplitude is great enough, the drop surface may
become unstable with respect to its own charge even at
subcritical values of the Rayleigh parameter W.

APPENDIX

Estimation of the Intensity of an Acoustic Wave
Dissipated by a Drop in Comparison with the Intensity
of the Incident Wave

1. Assuming that the drop radius Ris much less than
the wavelength A of an incident acoustic wave interact-
ing with the drop, we find that the dimensionless argu-
ment of the spherical cylindrical functions is small
(kR < 1). In this connection, to sort hydrodynamic
terms of the equations describing an acoustic wave

GRIGOR’EV et al.

interacting with capillary oscillations of a drop in
accordance with their orders of smallness, it is reason-
able to compare the orders of smallness of the intensi-
ties of the incident and dissipated acoustic waves.
According to (13) and (14), the ratio between the
amplitudes of partial waves at r = R is defined by the
expression

9j,(kR)/A(kR) | (kR)|
ohP(kR)/(kR)|| Jn(KR)

To evaluate the magnitude of B, we apply a recur-
rent relation for the derivatives of spherical cylindrical

functions that are valid both for j,, and hff) [17]:

(A1)

BHE‘

ds ) = n
& (@ = faa(@+ 1), (A2)
where f,(2) symbolizes functionsj,(2) and h'" (2).

Now, we take into account that kR < 1 and apply an
asymptotic representation for spherical cylindrica
functions for a small argument value [17]:

n

z—0:j,(2) — —-———-——(an_ D (A3)
() — (Zni D "i(zr;”_j)”’ (A9

where
@En+PYN=1B0IrO..02n+1), n=0,1,2,....

By substituting (A3) and (A4) into (A1) and taking
into account (A2), it is easy to find that for a small kR
the amplitude ratio B,, is minimal at n = 0 when B, ~
(kR)?, and B, ~ (kR° at n = 1. The relationships
obtained define the order of smallness with respect to
kRat r = R of the dissipated acoustic wave as compared
with the incident one.

2. To estimate the order of smallness of the parame-
ter kKR, we note that in problems associated with the dis-
sipation of acoustic waves in liquid drop systems of
natural origin, the characteristic size R of the drops var-
iesfrom afew micrometers (in afog) to afew millime-
ters (for raindrops), while the wavelength of the dissi-
pated waves varies from afew fractions of a millimeter
upward to ten meters[1, 4]. This means that arange of
possible variation of the parameter kR in various con-
crete situations is between 10-° and 102

In the interaction between acoustic waves and capil-
lary oscillations of a drop, a substantial role is played
by the small parameter ||/R characterizing the ampli-
tude of the capillary drop oscillations. Assuming that
the amplitude of the drop thermal oscillationsis defined
by the expression

& O(KTIY),

TECHNICAL PHYSICS Vol. 47 No. 3 2002
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where k is the Boltzmann constant and T is the liquid
temperature, it is not difficult to obtain & ~ 108 cm.
Then, interms of the problems discussed, the parameter
|€J/R varies from 107 to 107°.

Thus, the parameters kR and [¢J/R may be either of
the same or different orders of smallness, which should
be taken into account for a correct statement of the
problems of interaction between an acoustic field and
capillary oscillations of a drop.
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The Effect of the Evaporation Coefficient
on the Thermophoresis of a Volatile Single-Component Drop
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Abstract—A theory of the uniform thermophoretic motion of aliquid volatile spherical drop in a binary gas
mixture is developed based on hydrodynamic analysis. One of the components undergoes the phase transition
on the surface. The solution of the problem makes it possible to estimate the effect of the evaporation rate on
the rate and direction of thermophoresis, as well as on the distributions of the velocity, temperature, and con-
centration of the volatile component. The thermal diffusion of the gas mixture, together with Stefan and capil-
lary phenomena, is taken into account. The velocity of thermophoretic transport is expressed through the evap-
oration coefficient of the drop by the formulathat generalizes the known results of the conventional theoriesfor
the cases of weak and moderately intense diffusive evaporation of aliquid drop. © 2002 MAIK “ Nauka/Inter-

periodica” .

STATEMENT OF THE PROBLEM

This work generalizes the study [1], performed for
small Reynolds numbers, by including internal motion
in avolatile spherical single-component drop and ther-
mocapillary effects. The theory is constructed in the
spherical coordinate system (r, ©, ¢). The origin is
rigidly related to the geometric center of the drop, and
the 0z axisis aligned with the vector A = ((IT),,, where
O isthe del operator.

The drop of radius R experiences the action of ther-
mophoretic (Fyp), diffusion phoretic (Fpp), reactive
(Fo), and thermocapillary (F,) forces, which tend to
balance the viscous force F, of the gas mixture. The
desired thermophoretic velocity Uy = —U of the liquid
sphereis established when the resultant force vanishes:

F = Frp+Fpp+ Fy +Fg+F, = 0.

Volatility affectsthe thermophoretic motion of alig-
uid body in two ways. First, because of the change in
the temperature distributions inside and outside the
drop, an extra creep of the gas mixture over the inter-
face arises and the tangential thermocapillary force due
to the variable surface tension o changes. Second, the
environment is saturated by the vapor of volatiles and
the volume thermal diffusion of the components of the
gas mixture is enhanced.

The media are described in the quasi-stationary
approximation (the vector fieldsv(r) and v'(r), pressure
distributions p(r) and p'(r), scalar temperature fields
T(r) and T'(r) outside and inside the drop, respectively,
aswell astherelative concentration C(r) of the volatile
component in the binary gas mixture, are assumed to be

steady-state at any time instant) by the Stokes-L aplace
axisymmetric differential continuity equations

NoAv = 0Op, divv =0, niAv' =0p', divv' =0,

AT =0, AT'=0, AC =0,

where A isthe Laplacian.

At infinity and at the interface, the linearized equa-
tions are valid:

r— o:v = Uiy,

T=Ty+Az, C=Cy p= po
2
NoMm, Krp
r = R v, ———2D +—2 T
10Vr pO H]rc TO r D

Vo—Vo = KTSL%)DGT‘F Kps DUGC,

.20 .
Trr_Trr_E =0, To—Tiot Ue0 = 0,
T=T,

—Ko, T+KoO, T = —Lmavn,{ C(T) -C} ,

1063-7842/03/4702-0306%$22.00 © 2002 MAIK “Nauka/Interperiodica’
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av, av
rr = _p+2nOW! p 2'10 ar
1o = N2V Ve Ve
o =N 59" 3r ~ T O
ry = kY, Ve Ve
o =N 59" 3r ~ T O
C(T) = C(Tw) + %% (T'=Tw),
oT'|r =1,
N o— 00 '
o(TY) = o(T,,) + 2= T -Tyw),
(T) (Tw) 5T T:Tw( w)
Dog = 160- aT'
ROT|+ - Tw 90’
1
_ M _ M ERL 2
S ong+n, * n+n) Lo
Ng = Nig+ Ny,  Po = MiNy+ My, P = MyNy,
No = N(To, Coy Po)s Mo = N'(To, Po),
Ko = K(To, Co, Po): Ko = K'(Tor Po)-

Here, n; and n, are the concentrations of the gas mole-
cules of thefirst and second sort with respective masses
of m, and my; Cisthe relative concentration of the sat-
urated vapor of the volatile; D isthe coefficient of inter-
diffusion for the gas mixture components; L and p are
the heat of evaporation and the molar mass of the mate-

rial of the drop, respectively; (P, Po), (No, No), and

(Ko, Ko) are the densities, coefficients of dynamic vis-
cosity, and thermal conductivities of the gas medium
and the condensed phase, respectively; v is one quarter
of the mean thermal velocity for the molecules of the
first sort; Ry isthe gas constant; (t,,, T,e) and (T, , T;o)
are the components of the viscous stress tensors in
incompressible media (outside and inside the drop);
T is the mean temperature on the surface of the drop
(which is determined by solving the problem); and

Py isthe pressure inside the drop whenitisweighedin
an isothermal gas at a temperature T, (external mass
forces are absent):

, _ 20(Ty)
Po—Po = R

The above conditions have the following physical
meaning. At infinity, the axisymmetric flux of the exter-
nal medium isuniform and has the velocity U along the
0z axis. The scalar temperature field T(r), the distribu-
tion of the relative concentration C(r) of the first com-
ponent, and the pressure p(r) are undisturbed. The nor-
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mal flow of the volatile molecules at the interface is
continuous. It can be represented as the normal outflow
of the gas molecules of the first sort from the surface
through the Knudsen layer and is proportional to the
evaporation coefficient a. The surface of the aerosol
particle isimpermeable for its carrier. The normal and
shear components of the total stress tensor are discon-
tinuous, while the temperature and the normal heat flux
are continuous (with regard for the phase transition).
The gas mixture and the condensed phase do not
mix. Then, if the drop moves with a constant velocity,
each of its surface elements is in equilibrium and the
acting forces are balanced. If the surface element is
considered in the frame of reference whereiit is at rest,
the stress produced by either of the mediais defined as
the associated momentum flux (the normal to the inter-
face is outer). In addition, each of the elementsis sub-
jected to an additional force due to the surface tension:

_ 20

f=-= R

The state of the saturated vapor of the volatileliquid

is far from critical, so the perfect gas approximation
applies. When the liquid and gaseous phases of the

volatile are in dynamic equilibrium, we have the esti-
mate [1]

+ig0g0.

oC oLy 40

9Cs = £ CiTw -1

3T Jror,  Tw U WIRT, T

- Togp LB Olw_
CTw) = CToplem et -

For incompressible media, the general solution of
the axisymmetric hydrodynamic problem is given in
terms of the stream function (W, ¥"):

Vi _ 1 oV
v rPsinodow
Vo __1 oW Ve
Ve rsn@ory’ Vi

= 0.

In the dimensionless form, the physical quantities
involved in the equations of hydrodynamics, in the
equations for heat and mass transfer, and in the bound-
ary conditions have the form

.V v oW ,W
r =Rr, =U., = UR .
v' v W W
n P P T T
p. = O%P ?’ = AR. + T,
PP NP po T T

Later on, the tilde is omitted and the problem is
stated as follows:

E'W(r,&) = 0, E'W(r, &) =0, (1)
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op_ 10,2 2,0p 0,2 ;
=—(E°¥), (1-&)= = —(EW¥), (2 Dl 0V, 0V, v
r r |:|
00 - 10 prgny (1320 = 9 prg
r T g B ) (1785 = 5 (EW). G +f-gle| %E 0,
AT(r,&) = 0, AT'(r,§) =0, AC(r,&) =0, (4 KdT , 3T
T=T, - 2—
2o 0 1-80 Koar | ar
or® r* " Lm
avnyU 0
= - OECS( )+ (T'-1-C, (12
Arko T=1 O
_1lopeopn 1 a0 9 H1-¢ )
= 250 g0 " 26& GE
r -
- () = Tw TO, = ALR —1<& = cos@<+1.
1> 2 AR To
r—o: P = —r7(1-¢&9),
2 If the aerosol particles are nonvolatile (a = 0), the
_ _ : interface isimpermeablefor the gas molecules: the nor-
T=2 C=Co po=0, mal velocity components of the gas and the condensed

0 m
r =1 [ﬁo+(1—C0)—%Uvr
O My

(T'-1) -,
O

T=1

0 aC
= av[Cy(T) + =2
5(:() oT

0
(1-Co)Co+ (L~ Co)ZUY,
0 1

oTd
—] = 0,
org

,DOoC

REor

. NolJ oC
Uv, = av—=C(1) + =5
= av G+ o

T=1

oT

K 1 A1

U(VO_VES) = 0o T
D oC
KDSLR 1- EZaE

oU . ANoUMNoedV,
o= Hlop — pB (po—pi) + 272

Mo
TP

20 00
—= 1) +
RE o7

T=1

h 20V, 0Vg

Ve
R T

(T'-1) -3,
O

(T'—=t)o =0,
O

phase vanish on the spherical surface of radiusr = 1.

DETERMINATION OF THE THERMOPHORESIS

(6) VELOCITY
The solutions of Egs. (1)—4) have the general
form [2]
DA” nL N —n+1
(r §) = nzlmAn B
(7) Cn n+2 D —n+3D
+C;1r Dn Dln(E)
p ~ Dl Cn+1 n
r§) = -2 2n+3) . r
®) p"8 =22 G+
e Loan-1) "t b )
n+1 DIn+1 |:| " ’
€) .
T(r&) = 5 {Gr"+Hyr " Py(®),
n=0
v, @
orQ T(r &) = Y {Gu"+Hir "7} Py(8),
(10) n=0

C(r &) = 5 {Kar"+ Lar ™3 Py(8).
n=0

Then, inview of the conditions at infinity and taking
into account the finiteness of the velocity, pressure, and
temperature at the center of the drop, we expand bound-

No. 3 2002
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ary conditions (6)—(13) into the series:

Vi(r.8) =Py(&) = 3 {Bruar "+ Dyuar ) Po(8),
n=1
J2(&)
ve(r, &) = 2—=
J1-&°
- -n— -n+ ‘] (E)
-5 {(n=2)B,r" '+ (n=3)D,r " ol
nZZ All—EZ
vi(r®) = =y {Anar" G (),
. - n-2 Jn(8)
vo(r, &) = S {nA " "+ (n+2)Cr ——==
° 2, Ji-g

(1, 8) = 25 —t=(2n-1)Dy.ar "R (8),
n=1

P(r.E) = 2 1(2n+3)C,..r"Py (&),
n=1
T(r &) =r&+ S Hr "R (8),
nZO
T(r.8) = 5 Gir'Py(2),
n=0

C(r &) = Co+ 3 Lar " 'Py(&).
n=0

Properties (A1) and (A2), as well as orthogonality

conditionslike (A3) and (A4) for the ultraspherical
order polynomials of degree +0.5,

1 +1
JI(8) = C,'(8), Pu(8) = C,'(8)
yield the following algebraic equations (n < 2):

0C,

Ci(1) -G +a (Go-1)-Lo = 0,

T=t

[l m.
~[Co+ (1-Co) U (-1+ B, + Dy)
O 1

. .0
G, —L;
0
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nth-

(6a)

(6b)

' ' NoLoC
—U(A.,,+C.,,) = av—=[1—s
( n+1 n 1) noé%?

iy _ 24 00
—(D.— i 1) +
(Po—Po) R%p( ) 3T

3n,U(2B, + D,) — 6n5UC'2—2%

309

O m
—Co + (1_CO)H%U(Bn+1+ Dn+1)
1]

(6¢c)
G —LE;
DaT 0
O m
(1~ Co) (o + (1~ Co) (-1 + B, + D)
] 1] (7b)
—%{2L1+5KTD(1+2H1)} -0,
O m
{1-Co) o+ (1~ Co) (B, 1 + Dy)
[l 1] (70)
~(n+ )R{Ly+eKroHY = 0,
] ' D
-U(A; G, —-L, (84)
0

G,—Ld, (8b)
|

T=1
U(2+B,—D,+2A,+4C,)
No D (99)
= 2K;g —A{(1+H,) +2Kyg =L4,
TSLpOTO T( 1) DSLR 1
U{-nB,.1—(N=2)Dp, 1 —(n+ DA, —(n+3)C,. }

(9b)
= —KTSLp”T An(n+ 1)H, —Kpg Rn(n+ L,

(Go—T) = 0, (108)
|

T=1

G, = 0, (10b)

T=1

n+3n—1_ O

[l
ZHOUE'(n+2)Bn+l+ n+1 n+1%

' D ] 1 D
F20UE(N =D)AL 1 + (W —n—3)C), ]
0 n 0

(10c)

—299

G, =0,
T |-



310

3n,UB,—3n,UC,— 99 G'l =0, (113
OT'
2nU{n(n+2)B,,, +(n°~1)D,, 3
—2nU{ ("= DAL +n(N+2)Chd (q1p)
Jo v
2 n(n+1)G, = 0,
T ( )G,
Ho = G, K—?Ho = —Lml—a\{no
Ko ArKq
(129)
aC 1
prs(T) Cot =2 (Go—1)—Lg,
T=r1 0
1+H, = G], ~1+2H)+G;
0
(12b)
L
- Mo 9C, le_LE,
ArKo @T'|r= O
H, = G, %)(n+1)Hn+nG}]
0
(12¢)
L
_ _Ltmavnepe, o O
ArKo 0T |1 =+ O

I'n our problem, the concentration, C(r), and temper-
ature, T(r) and T'(r), fields do not depend on the inter-
nal motion in the drop and thermocapillary phenomena
and have the form givenin [1].

Jointly solving Egs. (6b), (7b), (8a), (9a), (10b),
(114), and (12b), we cometo the expression for the cen-
ter-of-mass vel ocity of the gaseous mediarelativeto the
drop:

1 an
U = GKTSLpno ArEB+ 2”‘5 ﬁ

r] q]—lAu

+6KDSLRB’3+2 q 3

NgT" 9o A
+2— —
no% D aT“ ‘:TA

O 1+2ﬂo O

(13)

R
z2+(1 co)ﬂg

A—E*Hz
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Ammge) Ly
ArKo [OT'|7 =« 0
A av R Lm,avn
= EQ"‘(]- Co) D"‘ eKpp———,
AKq
. o avRIC
A" = (1 Co)— 5 aT' By
+ eKTDDLmlO(\f rloa_C.S + 1%
0 Ao OT'r_p 0

The mean reduced temperature T on the surface of
the volatile drop is found from the solution of the tran-
scendental algebraic equation

ac.
Cy(1) —Co— aT |,

The set of Egs. (6¢), (7¢), (8b) (9b), (10c), (11b),
and (12¢) hasthetrivia solutionB,,, ;=D 1= A, =

Ch.1 =H,=G, =L,=0foranyn>2.

T=O.

ANALYSIS OF THE RESULTS

In (13), the first two terms stand for the thermal and
diffusive creeps of the gaseous media. The third oneis
related to the variable surface tension acting on the sur-
face of the drop. The fourth term describes the reactive
part of the momentum that acts on the particle and is
associated with the phase transition. For asolid volatile

particle (N, — =), we obtain the result of [1].

For a single-component spherical drop of avolatile
liquid in a binary gaseous mixture, the conventional
theory of thermophoresis [3] gives (in terms of the
above designations and upon neglecting thermal diffu-
sion and the effect of the Knudsen layer)

_ No Ng7 Ko 1
U=6Kg—A3+2—/— —(1-Cp=
TSLpoT T% OD Ko( O)Q

rIQj Ko oC 1
+ 6K +2 1-C s =
DSL R% K ( )aT' ; :TQ
2 Nq7iK 1
+= —% —(1- o)a—o, 0
nO nO KO aT T =1
e LI
Co+(1-Co)—=R = ° No
1
Ng7 1KoaC 1
X B+ 2— =
%3 e kpoT |-, Q’
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Q= %L + 2 LrlnlnoDa_C_s
KoArR 0T' |7._

The derivation of this expression aso takes into
account the heat flux on the surface of the drop that is
due to the convective transfer of a mass being evapo-
rated.

Formula (13) isthe most general and coincides with
the result of [3] if the diffusive evaporation of the drop
isintense:

(l Cy) +2

avR
<

C, < =

In other words, formula (13) is aso valid for the
cases of weak and moderately intense drop evaporation
dueto diffusion. Thisformulaimplies that if

aC,

AT |7

<0, Ky =0,
oT" ™

T=1

the drop tendsto move toward colder regions of the gas-
eous medium by virtue of the first and fourth terms
(“positive” factors). The effect of the second term on
the velocity of thermophoresis depends on the coeffi-
cient Kpg @ if mp > m, (Kpg < 0), the directions of the
vector A+ and the drop coincide; otherwise (M, < my;
Kpg > 0), thedirections are opposite. Since the surface
tension is variable, the third term describes thermocap-
illary effects and tends to increase the temperature of
the gaseous environment.

If the effect of the thermal diffusion phenomenais
appreciable and the evaporation rate of the drop is suf-
ficiently low, volatility affects the thermal diffusion
fieldsinsignificantly and the vel ocity of thermophoresis
isnegligible[1]. In this case,

2_
U—>3KTSL ATES+2 Ko
1+2—f’
Ko
D Nt Koo
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If the thermal conductivity of the drop is high, the
distributions of the temperature and of the relative con-
centration of the volatile are ailmost independent of the
thermal conductivity of the gaseous medium [1].
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Of interest is the dependence U = U(a). After rear-
rangements, we come to
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The function U(a) is monotonically decreasing or
increasing. The rate of thermophoretic transport does
not depend on the evaporation coefficient if the physi-
cal quantities characterizing the state of the media out-
side and inside the high-viscosity drop obey the condi-
tions

o= KodCs _
P(Ko, Kg) = O, ZKBGT' ] —eKpp = 0.

The first and second conditions are valid for aerosol
particles with a low and high thermal conductivity,
respectively.

The numerical analysis shows that the velocity of
thermophoresis depends on the coefficient a very
strongly if the diffusive evaporation of thewater dropis
weak (o <0.05). At usual temperatures, the volatility of
water increases the rate of thermophoresis two- or
threefold and thermocapillary effects prevail.

APPENDI X
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Abstract—Discharges with liquid nonmetallic el ectrodes of much interest for applications are investigated. It
isfound that a dc discharge between two streams of tap water in air at atmospheric pressureis stable at a current
of 40 < | < 100 mA. The discharge exists in the diffuse (volume) form with a relatively low current density
(~0.2 Alcm?) and a high (above one kilovolt) voltage drop across the air gap (~1 cm) between the water elec-
trodes. The current density and voltage depend only slightly on the discharge current. Probe measurements
show that three regions can be distinguished in the discharge: two electrode regions (1-2 mm in length) and a
discharge column with a constant electric field of =0.8 kV/cm (i.e., E/N = 20 Td, because the gas in the dis-
charge is heated up to 1500-2000 K). The average electric field strength near the electrodes is E = 2-3 x
10° V/em (E/N = 60-80 Td). The charged particle density in the column is n ~ 1012 cm=3. The probe measure-
ments of n agree with the previous microwave absorption measurements. The water vapor concentration in the
column is also estimated from probe measurements. © 2002 MAIK “ Nauka/Interperiodica” .

1. Electric discharges in which nonmetallic liquids
(e.g., water solutions of various salts or bases or indus-
trial or tap water) are used as el ectrodes possess unique
properties. Under certain conditions, self-sustained
high-pressure (up to atmospheric pressure or higher) dc
discharges of this type in various gases (including
molecular gases) can exist in the volume (diffuse) form.

In contrast to arc discharges, discharges with liquid
nonmetallic electrodes (DLNMES) are excited at arel-
atively high voltage U = 10°V and alow current density
j =101 A/cm?. The discharge parameters can be con-
trolled over a wide range by varying the composition
and concentration of electrolytes. The discharge dura-
tion, which, for metal electrodes, is usually limited by
their erosion, is amost unlimited for DLNMEs.
DLNMEs are widely used, e.g., to treat metal surfaces
and to deposit specia-purpose coatings [1]. On the
other hand, the DLNME properties|isted above, aswell
as its other features (e.g., that the discharge spectrum
contains the spectral lines of elements dissolved in lig-
uid electrodes [2] and that the discharge plasma is
strongly nonequilibrium, in particular, in discharges
excited in high-pressure molecular gases [3]), make
this type of discharges promising for various techno-
logical applications in plasma chemistry (in particular,
for treating polluted gas flows), spectral analysis [4],
etc. We aso point out an advantageous feature of
DLNMEs as compared to barrier discharges [5] that
presently attract much interest as generators of a high-
pressure nonequilibrium plasma. Whereas the barrier
discharge requires an ac power supply at afrequency of
f ~ 10° Hz or higher, the DLNME is also stable with a

dc power supply. However, DLNMEs are still poorly
studied. The main results refer to adischarge with only
one liquid electrode (cathode) [6].

This paper is devoted to the study of the electric
potential and charged particle distributions in a dis-
charge in which alow-conductivity liquid (namely, tap
water) is used as electrodes. The discharge was excited
inair at atmospheric pressure.

2. The design of the discharge unit used in our
experiment is shown schematically in Fig. 1. A dis-
chargewasexcited in air between two tap water streams
(water electrodes). Water flowed downward along two
ceramic chutes deflected at a small angle from the ver-
tical direction. The chutes were 15 mm wide, and their
sidewallswere 5 mm high. The chutes had two opposite
holesin which two stainless-steel conductors0.3mmin
diameter were mounted so that their ends were flush
with the chute bottom, which was covered by water.

Fig. 1. Design of the discharge unit: (1) metal current sup-
ply conductors, (2) ceramic chutes, (3) water streams,
(4) movable probe, and (5) discharge plasma.

1063-7842/03/4702-0313%22.00 © 2002 MAIK “Nauka/Interperiodica’
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The water flow rate was stabilized and adjusted so that
the high-voltage diffuse discharge mode was achieved
at a minimum flow rate. Experiments showed that, to
achieve the high-voltage mode, it was necessary that
the thickness h of the water layer covering the metal
conductors exceed a certain minimum value h;,. Oth-
erwise, water breakdown occurred, contracted erosion
attachments appeared at the conductors, and the dis-
charge transformed into a low-voltage arc with a high
current density inside the contracted channel. Theinter-
electrode gap (the air gap between the opposite water
surfaces) could be up to L = 10 mm.

The discharge was powered by a high-voltage
source producing a current of | < 2 A at a voltage of
Up < 10 kV. The source consisted of a step-up trans-
former and a bridge rectifier. An RC filter was con-
nected to the rectifier output, so that pulsations did not
exceed 1%. The positive pole of the source was
grounded. A ballast resistor R, was connected in series
to the discharge unit, thus limiting the current in the
case of the breakdown of the water electrode. The dis-
charge was excited when opening the circuit after the
interelectrode gap was closed for a short time with a
specia metal conductor.

3. The experiments were carried out at currents in
therange40 <1 <100 mA. A diffuse discharge modein
this current range was achieved by adjusting the values
of the supply voltage U,, the ballast resistance R;, and
the water layer thickness h. At Uy = 4 kV and R, =
10 kQ, the minimum water layer thickness ensuring
prevention from breakdown was h,, = 4 mm. In this
case, the water flow velocity, which was estimated from
the water flow rate, was v = 1 m/s.

Under these conditions, the discharge voltage (i.e.,
the voltage between the metal current conductors) was
at alevel of U = -3 kV and depended dightly on the
current. The total voltage drop U was the sum of the
voltage drops across the water electrodes, U,, and
across the plasma in the interelectrode gap, U,. The
value of U; was measured in separate experiments
without a discharge. Thin stainless-steel disks with
diameters equal to the diameters of the discharge
attachments to the surface of the water electrodes were
prepared. The diameters of the cathode and anode
attachments, which were determined from discharge
photographs, were close to each other. The attachment
diameter increased with increasing current. Typically,
for | = 60-70 mA, the attachment diameter was D =
0.6-0.7 cm. The disks were brought into contact with
the water electrodes, and the voltage drop between the
current supply conductors and the disks in the current
range under study was measured. The experiments
showed that nearly one-half of the voltage applied to
the current supply conductors dropped across the water
electrodes. For example, for the thickness of the water
layers covering the cathode and anode conductors equal
to h=5mm, adischarge current of | = 65 mA, an inter-
electrode gap of L = 6 mm, and avoltage at the current
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supply conductors of U = -2.9 kV, the voltage drop
across the water electrodeswas U; = —1.6 kV.

The water electrode conductivity estimated from
these measurements is equal to o = 10 (Q cm)Y,
whichisonly several times higher than the conductivity
of distilled water [7]. This showsthat, apparently, there
are no specific conduction mechanisms in the water
electrodes (partial discharges, etc.), because the differ-
ence from the data of [7] fallswithin the limits expected
for tap water without additional filtering.

The discharge current and voltage signals were sig-
nificantly corrupted by noise over a wide frequency
range. We also observed distinct low-frequency oscilla-
tions in the discharge voltage with an amplitude of up
to several tens of volts. For example, at L = 6 mm, the
main frequency of these oscillations was f = 60 Hz.

The procedure of probe measurements will be
described below. Here, we only mention that the mea-
surements with the help of auxiliary probeslocated one
above the other in the center of theinterelectrode gap at
the periphery of the current channel (one located under
the discharge and the other located above it) allowed us
to establish the reasons for low-frequency voltage
oscillations. As the gas in the discharge is heated, the
current channel “floats up,” in which case its length
and, accordingly, the voltage somewhat increases.
Then, the channel returns to its original position. The
vertical displacement of the discharge in the center of
the interelectrode gap is <0.5 mm. The previous spec-
troscopic measurements [8] showed that air in the dis-
charge is heated to T, = 1500-2000 K.

4. Probe measurements were carried out with a
cylindrical probe 0.3 mm in diameter and 1.5 mm in
length and with aflat single-sided probe 0.33 x 1.2 mm
in size. The probes were made of molybdenum. The
nonoperating surfaces of the probeswereinsulated with
BeO ceramics. The operating surface of the probe was
oriented perpendicular to the discharge axis and could
be facing the cathode or anode. In dry air, molybdenum
begins to oxidize only at T = 700 K; however, in the
presence of water vapor, it oxidizeseven at T = 520 K
[9]. To prevent the probe from substantial oxidation, it
should be inserted into the discharge for a short time.
Estimates show that, at a gas temperature of Ty=2000K,
the probe temperature increases by AT =50 K inatime
t = 101 s. For this reason, the time interval during
which the probe can stay in the plasma is limited by
At < 0.5 s. The probe was inserted into the discharge
from above (Fig. 1). The spring-supported probe could
be displaced along or transverse to the axis of the dis-
charge unit. The probe was inserted to a given depth in
the plasma for a short time with the help of an electro-
magnet or manually. From time to time, the operating
surface of the probe was mechanically cleaned to avoid
measurement errors introduced by oxide films[10].

5. Figure 2 shows ablock diagram of the probe mea-
surements. The probe circuit was fed from a stabilized
dc voltage source, whose output voltage could be con-
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tinuoudly varied in the range from 0 to —2.5 kV. Resis-
tors Ry, Ry, and R; = 150 MQ, as well as a limiting
resistor R, = 100 kQ, were connected in series to the
probe. The values of R; and R, were chosen depending
on the current range in which the measurements were
carried out. Under the conditions described above, the
probe measurements were complicated by two circum-
stances: first, the necessity of measuring low (down to
a fraction of a microampere) currents at a high (one
kilovolt or higher) voltage and, second, the repulsion of
the discharge from the probe and the above-mentioned
“floating-up” of the discharge.

Thefirst of these circumstances prohibits the use of
resistive dividers for measuring the probe current,
because, under the conditions described above, the
measurements with the use of such dividers do not
ensure the required accuracy. For this reason, we
designed a device that provided the measurement of
small probe currents, as well as the galvanic insulation
of the measurement circuit from recording devices.
This device allowed us to measure input signals below
0.3V at an applied voltage of up to 10 kV. To overcome
the second of the above problems, the probe current and
its floating potential were measured at close instants.
Thiswas achieved by switching theresistor R; (and also
R,) with the help of an electronic switch. This switch
was controlled by a meandering signal with a period of
=1 ms. The output signal from the galvanic insulation
device, adong with signals proportional to the probe
voltage and the discharge voltage, were digitized by a
multichannel 11-digit analog-to-digital converter and
were stored in acomputer. Therecording cycle duration
was chosen to be about 0.5 s. The measurements were
repeated many times. Simultaneously, we visualy
checked that the probe fell into the discharge channel.
Then, we changed the probe voltage and made the next
series of measurements. In fact, the probe measure-
ments were performed at a distance of =1 mm from the
discharge axis, because when the probe fell onto the
axis, the discharge was repelled from the probe.

After the measurements were finished, the entire
data file was processed using a special program select-
ing subsequent (no less than two) values of the probe
current and probe floating potential such that they dif-
fered by no more than 10% and corresponded to close
values of the discharge voltage (AU < =6 V). The
selected datawere then processed statistically and aver-

aged.

6. The probe measurements were conducted at | =
65-70 mA and L = 6 mm. The results of the measure-
ments of the probe floating potential U; are shown in
Fig. 3. Closed circlesindicate the resul ts obtained when
the probe was inserted into water near the surface of the
water electrode. Note that these results agree well with
the results of the above measurements, in which the
voltage drop across the water electrodes was measured
with the help of disk electrodes.
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Discharge
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To computer
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Fig. 2. Block diagram of probe measurements: (1) movable
probe, (2) electronic switch, (3) voltage source, (4) high-
voltage galvanicinsulation device, (5) digital voltmeter, and
(6) multichannel analog-to-digital converter.
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Fig. 3. Profile of the probe floating potential across the
interelectrode gap at | = 65 mA and L = 6 mm (cylindrical
probe): (1) water cathode and (2) water anode.

It isseenin Fig. 3 that, in the discharge, two elec-
trode regions and a discharge column with an almost
constant electric field can be distinguished. As will be
shown below, the probe floating potential can be iden-
tified with the plasma potential accurate to ~kTJe,
where T, is the characteristic electron energy (the elec-
tron “temperature”). Asfollows from the datain Fig. 3,
the éectric field in the column is equal to E. = 7-8 x

102 V/cm. Note that visua observations and discharge
photographs, as well as the results of spectroscopic
measurements| 3], show that the columnisnot uniform:
itisslightly narrowed on the cathode side and broadens
toward the anode. In this paper, the most attention is
concentrated on investigation of the discharge column.

Figure 4 shows the current-voltage (1-V) character-
istics of the plane probe near the cathode and anode
ends of the plasma column (the potential U,, is counted
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Fig. 4. Plane probe characteristics for a probe facing the
cathodeat | =65 mA and z= (1) 2.5 and (2) 4.5 mm.

from the probe floating potential). The shape of the -V
characteristic allows us to conclude that the electrons
are the main current carriers in the discharge under
study. The characteristic feature of the |-V characteris-
tic isthe linear dependence of the current on the probe
potential inthetransitionregionat U, > 10V. Thelinear
segment in the 1-V characteristic of the probe was also
observed previoudly in various experiments with a
weskly ionized plasmaat atmospheric pressure [11-13].

Figure 5 shows the results of measurements of the
ion branches of the |-V characteristic at higher values
of R, and R,. Itisseenin Fig. 5athat the probeion cur-
rent (similarly to the electron current) depends on the
probe position in the column. When the probe is posi-
tioned at the cathode end of the column, we cannot
notice any dependence on its orientation within the data
scatter (Fig. 5b). At the anode end of the column, the
measurements with the probe facing the anode seem
unreasonable, because the distance between the probe
and anode is close to the probe size and the probe sig-
nificantly perturbs the plasmain this region.

I, UA
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0
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7. Let us consider the conditions under which the
probe collects the current. According to [8], the gas
temperatureis equal to T, = 2000 K at the cathode end
of the column and T, = 1400 K at the anode end, and
the molecule densities near the cathode and anode are
equal to Ny, = 3.5 x 10" and Ny, = 5.3 x 10" cm3,
respectively. The parameter E/N varies along the col-
umn from =20 Td at the cathode end to =15 Td at the
anode end. It follows from the results presented in [3]
that the characteristic electron energy (or the “tempera-
ture”) can be estimated as T, = 35004000 K and it var-
ies only dlightly along the column. From microwave
absorption measurements [14], the average electron
density in the column can be estimated as n, = 5 x
10" cm3. For estimates, wetake n, = 102 cm~ near the
axis. The main positive charge carriersin an air plasma
at relatively low temperatures are NO* ions. The nega-
tive ion density is small compared to the electron den-
sity [15] (note, however, that [15] givesthe composition
of a dry air plasma in thermodynamic equilibrium).
Hence, we may assume that n, = n; = n, where n, isthe
positive ion density.

The water vapor concentration in the discharge col-
umn is an important parameter, because the drift veloc-
ity of electrons and their characteristic energies in
humid and dry air at E/N < 20 Td differ by more than
one order of magnitude [16]. Depending on the temper-
ature and humidity of air, up to several percent of water
vapor can be contained in the atmosphere. In view of
the low ion current density (~10* A/cm?) and low ion
energy (~10? eV), the sputtering of the water cathode
cannot substantially increase the water vapor concen-
tration. The humidity can increase due to water heating
by the current flowing between the plasma and the
metallic current supply conductor.

Water is heated by the volume Joule heating and the
heat flux transferred through the discharge attachments
to the surface. Taking into account that the water flow
velocity is v = 10? cm/s and the typical diameter of the
electrode attachmentsis D = 0.7 cm, we obtain that the

- (b)
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Fig. 5. lon branches of the plane probe characteristics at | = 65 mA for (&) a probe facing the cathode at z= (1) 2.5 and (2) 4.5 mm
and (b) for a probe facing the cathode (triangles) and anode (squares) at z= 2.5 mm.

TECHNICAL PHYSICS Vol. 47 No. 3 2002



PROBE MEASUREMENTS IN A DISCHARGE

duration of the heat sourcesist, = 7 x 107 s. Over this
time, Joule heating is as low as a few degrees. Let us
estimate the surface heating. We consider the cathode
attachment, in which most of the energy isreleased. We
assume that the energy W released in the cathode
plasma region, in which the voltage drops by =600 V
(Fig. 3) at a current density of =(0.20-0.25) Alcn?, is
totally transferred onto the water electrode and neglect
the cooling of the latter. Since we have |l ~ (aty)V? = 3 x
103 cm < D (where a = M/IC,p), A is the thermal con-
ductivity, C, isthe specific heat, and p isthe water mass
density), the surface heating can be estimated from the
expression [17] T, = Ty + (2WIA)(aty/T)Y2, where T, is
the temperature of the flow before entering the dis-
chargeregion. For T, = 285-290 K, we obtain T, = 320—
330 K. This is the maximum temperature that can be
reached on the water-flow surface at the exit from the
discharge region. This temperature corresponds to a
saturation vapor pressure of p,, < 2 x 10 atm. In addi-
tion, the discharge generates small drops (this problem
was not examined). When heated in the plasma, these
drops can also contribute to water vapor concentration.
Apparently, water vapor concentration in the discharge
can be substantially higher than that in ambient air.

8. Let us choose a method for treating the measure-
ment results. For this purpose, we estimate the charac-
teristic lengths of the region disturbed by the probe for
dry air and then consider the effect of humidity. At the
given plasma density and electron temperature, the
Debye lengthisequal to I = 3 x 10 cm. The gas tem-
perature near the probeis closeto the temperature of its
surface, T, = 500-600 K. At such temperatures, theion
mean free pathisl; ~ 10> cm and the e ectron mean free
path is |, ~ 10* cm. The electron energy relaxation
length is equal to I, = 52, ~ 10 cm (where d is the
parameter characterizing the energy exchange effi-
ciency), sothat I ,E. ~ 1 eV > T,. Taking into account the
relatively high humidity of air changes the estimate for
l; as aresult, we obtain the inverse inequality. Hence,
we can assume that the electron distribution function in
the plasmacolumn is close to Maxwellian. Under these
conditions, the dominant recombination mechanism is
associated with dissociation. The recombination length
of NO* ionsis equal to L, = D/(an)¥2 = 4 x 10-3 cm,
where D, = D;(1 + TJT,) isthe ambipolar diffusion coef-
ficient, D, is the ion diffusion coefficient, and a is the
recombination coefficient. The values of D; and a are
taken from [18].

The above estimates show that the following ine-
qualitieshold: I; <1y ~1. <1, < L, < b, wherebisthe
characteristic probe size. Under these conditions, the
plasma region of size ~b, which is in the ionization
equilibrium state and from which the probe current is
collected, makes the main contribution to the difference
between the probe and unperturbed plasma potentials
in the transition region of the |-V characteristic. The
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probe floating potential coincides with the plasma
potential accurate to ~kT/e. The probe current in the
transition region of the |-V characteristic is described
by the expression [11]

|, = 4mco,U,, 1

where c is the probe electric capacitance and ¢ is the
unperturbed plasma conductivity.

Theion current toward the plane probe is described
by the expression [19]

I, = 3%en?}(D,a)"*(1 + b/b,) S, )

where n,, is the unperturbed plasma density; b; and
b, are theion and electron mohilities, respectively; and
S isthe area of the space charge sheath.

The theories of [11, 19] were developed assuming
that the external field is low as compared to the ambi-
polar one. The opposite case was considered in [20],
whereit was shown that, in this case, the |-V character-
istic has no linear segment. The shape of the |-V probe
characteristic is determined by the probe shape; e.g.,
the spherical probe current in the transition region of
the |-V characteristic is proportional to the square of
the probe potential. Under our experimental conditions,
the ambipolar field is estimated as E, ~ 10° V/cm ~ E..
For expression (1) to be applicable, it is also required
that the field in the unperturbed plasma be low as com-
pared to the field produced by the probe in the current
collection region. Estimates show that, for U, = 20V,
the field produced by the probe exceeds that existing in
the unperturbed plasma. The shape of the I-V charac-
teristic allows us to suggest that, without large errors,
we can use expressions (1) and (2) to process these
characteristics. The applicability of the corresponding
theories at E, ~ E; will be checked by comparing their
predictions with the results of noncontact measure-
ments [14].

It should also be noted that expression (2) for the
probe current is valid if the density and temperature of
neutral particles near the probe do not depend on the
coordinates. In our experiments, the probe temperature
is lower than the gas temperature, so that there are the
temperature and density gradients near the probe. As
was shown in[21], in the case of aplane probe, thiscan
be taken into account by correcting the probe current
for the value on the order of theratio between the probe
and gas temperatures.

9. The plasma density was determined from the ion
branch of the |-V characteristic in accordance with
expression (2) and was corrected for the difference
between the probe and gas temperatures. The probe
temperature was assumed to be =500 K. Theion cur-
rent was determined by extrapolating the |-V character-
isticto U, = 0 (Fig. 53). We obtained the following esti-
mates for the density: n, = 1.5-2.0 x 102 cm3 at the
cathode end of the plasma column and n, = 0.9-1.2 x
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10%2 cm2 at the anode end. The density in the column
decreases dlightly toward the anode.

The plasma conductivity was determined from the
transition region of the -V characteristic by using
expression (1). In this case, the probe capacitance was
specified asthe capacitance of asingle-sided plane disk
with the same area (¢ = 102 cm). The conductivity can
be estimated as 0 = 2-3 x 10~ (Q cm)~ at the cathode
end of the column and o ~ 10 (Q cm) at the anode
end. Equation (1) was also derived assuming that, in the
largest part of the current collection region, the gastem-
perature is constant and equal to the gas temperaturein
the discharge. For this reason, the conductivity values
presented here are somewhat lower than the unper-
turbed plasma conductivity.

Estimating the plasma density from the results of
conductivity measurements and comparing it to the val -
ues obtained from the ion current measurements, we
can aso estimate the water vapor concentration in the
column. Indeed, the difference between the ion mobili-
tiesin dry and humid air isnot aslarge asthe difference
between the electron mobilities. In addition, the plasma
density, determined from expression (2), depends
weakly (asathird root) on the ion diffusion coefficient.
At the cathode end of the column, the plasma density
estimated from the ion current measurements agrees
satisfactorily with that estimated from the conductivity
measurements, assuming that the humidity in the dis-
charge is ~30-40%. When estimating the electron
mobility, we used the data from [22]. Note that, at such
a high humidity, the electron mobility is determined
mostly by water vapor. To a high accuracy, the electron
mobility in water vapor is constant up to E/N = 30 Td.
This justifies the use of expression (1), derived assum-
ing that the transport coefficients are independent of the
electric field, and the expression n, = a/eb, when eval-
uating the electron density. Since we used underesti-
mated values for the plasma conductivity, the obtained
values of the water vapor concentration must be consid-
ered as an upper estimate.

10. The probe measurements in the interelectrode
gap of adischarge with tap water electrodesin air have
shown that a more or |ess homogeneous discharge col-
umn exists between the electrode regions. The electric
field strength in the column amounts to ~700-
800 V/cm, and the plasma density is ~(1-2) x 10*2 cm
and decreases as approaching the anode end of the col-
umn by a factor of 1.5-2 in comparison to that at the
cathode end. The probe measurements also allowed us
to estimate the water vapor concentration in the column
near the cathode. The concentration of water vapor sub-
stantially exceeds its concentration in ambient air.

The obtained values of the plasma density agree
with the results of microwave absorption measurements
of the average electron density in the column [14]. In
[14], the processing of results under the assumption of
dry air yielded 4 x 10* < n, < 7 x 10'* cm3. However,
the processing of the data from [14] with allowance for

BARINOV, SHKOL’NIK

the presence of water vapor shows that taking into
account air humidity nearly doubles the average elec-
tron density, which satisfactorily agreeswith the results
of the probe measurements.

In conclusion, we note that, when estimating the
average electric field near the cathode and anode from
the data presented in Fig. 3, we obtain close values on
the order of (2-3) x 10%V/cm. Using thisvalue and also
theresults of the gas temperature measurements[8], we
can estimate the average value of the parameter E/N
near the electrodes. Since the gas is heated more
strongly near the cathode, the average value of E/N in
this region is higher than near the anode by a factor of
about 1.5 and amounts to 60-80 Td.
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to High-Rate Compressive Defor mation

S.N. Kul’kov, V. I. Madovskii, S. P. Buyakova, and D. S. Nikitin

Institute of Srength Physics and Materials Science, Sberian Division, Russian Academy of Sciences,
Akademicheskii pr. 2/1, Tomsk, 634021 Russia

Received May 18, 2001

Abstract—The deformation of partially stabilized zirconia ZrO,(Y ,O3) with various pore morphologies is
studied. During the synthesis of bar and lamellar ceramic structures, an effect of mechanical instability is dis-
covered. This effect, along with the purely elastic behavior of the ceramic and the accumulation of microdam-
ages under high-rate compressive deformation, produces considerable strains in the porous structure without
material failure and substantially extends the applications of porous ceramic materials. © 2002 MAIK

“ Nauka/Interperiodica” .

1. INTRODUCTION

At present, materials with a developed pore struc-
ture are attracting great interest because of their wide
application as filters for fluid purification and separa-
tion, catalyst carriers, hest-insulating coatings, etc.
[1, 2]. Nonmetal (ceramic) materials offer high chemi-
cal and corrosion resistance and, therefore, have advan-
tages over metals and high-molecular compoundswhen
used in porous structures operating in an aggressive
environment or at elevated temperatures. Most ceram-
ics are chemically inactive in biological media, so that
associated porous products can be implanted into the
human organism (bony tissue endoprostheses and
medicinal preparation dispensers).

The synthesis of porous materialswith desired prop-
erties callsfor the detailed investigation of acorrelation
between the physicomechanical properties of the mate-
rial and its structure. Thisis especially true for ceramic
materials, because porosity, as a rule, leads to a cata-
strophic reduction of the mechanical strength. In
ceramics, dislocations are hard to move, so that stress
concentrators relax insignificantly under loading.
Mechanisms behind the macroscopic deformation of
ceramics with different pore morphologies are of par-
ticular interest.

Porous ceramics are a heterogeneous material.
Depending on applications, the pore size and the inte-
gral porosity may vary in avery wide range. Therefore,
their mechanical behavior is also of scientific interest.

Zirconia is among the materials that are promising
for porous structures. It offers high strength, fracture
toughness, and corrosion resistance. Also, zirconia is
stable in aggressive media and does not react with
human organism tissues. This ceramic, containing a
controllable pore concentration, retains strength prop-
erties due to strain hardening [4].

In thiswork, we study the effect of pore morphology
on the mechanical behavior of partialy stabilized zirco-
nia subjected to high-rate compressive deformation.

EXPERIMENTAL

The objects of investigation were ZrO, ceramic
samples partially stabilized by Y,05 (3 mol %). Their
porosity ranged between 10 and 60%, and the mean
pore size was comparable to or much larger (by several
orders of magnitude) than the grain size. The samples
were prepared by the power metallurgy method (press-
ing with the subsequent sintering of the ultrafine pow-
der at temperatures of 1200-1600°C). In thisway, sam-
ples with a pore size comparable to the grain size were
obtained. Larger pores were produced by adding gran-
ulated admixtures that are easy to burn out, such as
rosin or paraffin, into the powder.

Compression tests were carried out on an
INSTRON-1185 machine with a constant loading rate
of 3 x 10*s. From stress—strain curves, we eval uated
the strain and the ultimate strength of the material.

RESULTS AND DISCUSSION

Figure 1 shows stress—strain curves for the ceramics
with different porosities. The mean pore size was com-
parable to or much larger than the mean grain size. Itis
seen that the increase in the pore volume causes multi-
ple microdamages during the deformation, which are
the greater, the higher the porosity. In the curves, this
process shows up as sharp stress drops due to microc-
racking. After the microcracks have terminated at the
pores, the material can elastically deform again. Asthe
porosity grows, the range of microcracking shifts
toward higher strains and expands. When the porosity
exceeds 20%, the stress—strain curves become concave

1063-7842/03/4702-0320$22.00 © 2002 MAIK “Nauka/Interperiodica’
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Fig. 1. Stress—strain curvesfor the ceramic: (1), (2), (5) pore
sizeis comparable to the grain size and (3), (4) poresizeis
much larger than the poresize. The porosity is(1) 10, (2) 15,
(3) 23, (4) 29, and (5) 60%.

upward, which is totally untypical of the stress—strain
curves for sintered materials.

At the stage of high-rate deformation (prior to
microcracking), the general slope of the curves o =1(g)
varies with integral porosity. However, the slope varies
alsolocally (within one curve), depending on the poros-
ity type and pore size. Such dependences can be
described by a power function like Y = bX* for both
deformation- and pressing-related processes (the latter
are also possible in this system). Here, the exponent k
depends on which of the processes, pressing or plastic
deformation, is governing. For purely elastic deforma-
tion, k =1; for plastic deformation, k < 1; and for press-
ing, k> 1.

Figure 2 demonstratesthe curves o = f(€) in thelog—
log coordinates. For the ceramic of porosity higher than
20%, the curves take the form of severa linear seg-
ments, which obviously have various slopes k. The
higher the porosity, the larger the number of the linear
segments.

In Fig. 3, the exponents k measured from the slopes
of the linear segments are plotted against porosity for
the ceramic where the mean pore diameter is compara-
bleto the mean grain size. The datapointsfor k are well
fitted by three straight lines. There exists some critical
porosity value at which the deformation of the porous
materia radically changes: the second exponent of the
power function (much larger than that in the initial
state) appears. Most likely, thisisrelated to achangein
the pore distribution: individual pores give way to the
continuous pore distribution. In essence, the materia is
split into two subsystems, which deform in different
ways under stressing.
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Fig. 2. Stress—strain curvesin the log— og coordinates. Des-
ignations the same asin Fig. 1.

For the high-porosity samples, the k vs. porosity
dependence is different: the lower the porosity, the
larger the exponent on the average. As follows from
Fig. 4, k exponentially decreases with increasing poros-
ity. Here, the values of k measured are distributed rather
irregularly presumably because of the stochastic nature
of microdamagesin this material. In general, the values
of k lie near the approximating exponentials.

The examination of the sample surface after the
deformation indicates no signs of local pressing-related
material displacement before microcracking. More-
over, at this stage, the stress—strain curves are revers-
ible; that is, the deformation processispurely elastic, as
demonstrated by direct metalographic studies.
Figure 5, depicting the image of the ceramic structure,
was obtained by superposing the micrographs taken
before compressive stressing and after a strain of 1.5%
had been achieved. The complete coincidence of the
micrographs is obvious.

Thus, the experiments did not reveal the displace-
ment of the materia into the pore space. This means
that the process of pressing was absent and the material
deformed only elastically. However, therather high val-
ues of k (from 1.4 to 7.8) obtained in the absence of traces
of residual deformation seem to be very intriguing.

The above results characterize the response of our
sample, which is a deformable system produced by
pressing followed by sintering (i.e., consisting of many
randomly shaped grains more or less bonded to their
neighbors), to uniaxial stressing. The structural features
of this material are responsible for the dependence o =
f(€) obtained in our experiments, which considerably
differs from that for an isotropic elastic body. There-
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Fig. 3. Exponent k of the stress—strain law vs. porosity for
the ceramic where the pore and grain sizes are roughly
equal.

fore, to explain the behavior of the zirconia-based
ceramic sample as awhole, it is necessary to elucidate
plausible mechanisms that deform its structure constit-
uents.

Attheinitial stage of deformation of porouszirconia
ceramic,

do d’c
Ge <E and a‘s—z > 0. (D)

This means that the deformation response to a stress
applied is associated with essentially nonlinear mecha-
nisms. Among them is that relying on the well-known
solution of the Hertz problem of two contacting homo-
geneous bodies [5, 6]. Extending the solution of this
problem [5] for the case of arbitrary shaped bodies, we
will have (in terms of conventional stresses)

o= AEE™, )

where A is aconstant depending on the packing density
of the contacting grains and their sizes.

For granular systemswith alinear or lamellar struc-
ture or for those where grains are loosely bonded to
neighbors along lines or planes, the bifurcation transi-
tion to the adjacent equilibrium state may take place.
This transition is accompanied by reversible bending,
which disappears when the generating reasons are
removed. Such structures, which can be simulated by
bars, may arisein high-porosity ceramicswith alimited
contact area between the grains. Because of small sizes
of the grains produced by sintering and, accordingly,
small contact areas, the bending stresses do not exceed
the ultimate strength of the ceramic materia (whichis
almost defect-free within azirconiagrain). To estimate
the deformation response of such structures once they
have lost stability (in the subcritical state, this response

KUL’KOV et al.

Fig. 4. kvs. porosity for the ceramic wherethe grain sizefar
exceeds the pore szee Y = (1) 13exp(-3.2X),
(2) L5exp(-1.04X), and (3) 4 exp(-1.97X).

obeys the Hooke law), we will turn to the well-known
Euler problem of elasticity considered in [7]. Omitting
the basic statements of work [ 7], we note that the bend-
ing angle of a stahility-losing hinged bar is found from
the relationship

do Kl

P = _—t = —
| iwame 2

. Oy _ (3
n— =
F2

0 K = PO

0 e

where P is the force applied to the bar, E is the shear
modulus, and J is the moment of inertia of the cross
section with alength 1.

Considering the case of small m(theforceappliedis
dlightly above the critical value) and expanding the
integrand in m up to fourth-order terms, we come to

2 2
(1-m’sin’p) P=1+T 4 S F - M cos2¢
4 o4 4 (@)
3y cos2¢ + 3 m*cos4d
16 64

and, accordingly, to the equation for m

2
m,9 4. _
+ 7 +64mDn— kl. 5)

The solution of Eq. (5) is

= 4= (6)

TECHNICAL PHYSICS Vol. 47 No. 3 2002



THE NON-HOOKE'S BEHAVIOR OF POROUS ZIRCONIA

Taking into account that the displacement of thefree
end of therod istwice aslarge asthat of its middle part
[7], we find the strain of the rod in the above-critical
range:

Ase = 1-= (28 D),

where

2
£ = IA/l—mzsincbdd). 7
0

Expanding the integrand and performing appropri-
ate rearrangements, we arrive at

AP _ 28 \here AP = PP, "ZEJ
P, 2
or

AP _ Py _ 0

< Ao = ZSAS— 2A£ 9

where At is the extra above-critical bending strain and
Sisthe cross-sectiona area of the rod.

Writing (8) in the form

€
Ao = EZAg
o 5 €,
one can see that when the rod becomes unstable, the
strain in the above-critical range is alinear function of
the stress increment, being 2/e; times higher than
Hooke's strain.

Let us estimate the likelihood of reversible elastic
loss of stability occurring in bar ceramic structures in
terms of their strength characteristics. Using the well-
known approximations from the engineering theory of
bars, we write the expression for the maximal stress
arising in arod under above-critical bending:

O__E+Mmax:E+PYmax

ST W S
Here, Pistheforceapplied, Sisthe cross-sectional area
of therod, M is the bending moment, Wisthe modulus
of twist, and Y, is the maximal transverse deflection
of the rod. With the expressions derived above and the
expression for Y, from [7], we find the stability con-
ditions under compression:

2fE
F J_ED<

Let us assume that

(10)

(11)

(12)

=9n_ E
0 =7 ==, (13)

then, considering the rod as consisting of n particles of
diameter D that agglomerate on areas of diameter d, we
TECHNICAL PHYSICS Vol. 47

No. 3 2002

Fig. 5. ZrO, (Y ,03) ceramic with a porosity of 30%. The
image was obtained by superposing the micrographs taken
before compression and after a strain of 1.5% had been
achieved.
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Fig. 6. Range of D/d where the sample exhibits mechanical
instability vs. number of particles n in the rod. The above-
critical strain Ae is 1%.

find the stability condition in the form

4
T2, 1642 1
11—6%/ iTVA/El%S z, (14)
where
_d
V = oD
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If the above-critical strain Aeg is, for example, 1%,
one can determine the range of D/d where the material
deformswithout failure but loses stability and therange
of D/d whereit fails. A family of curvesthat divide the
plane (D/d, n) into associated regions for various Z is
shown in Fig. 6. Here, the ranges (D/d, n) where the
material remain intact lie above the curves. Below the
curves, the material fails.

Thus, we see that even if the bars with small n (n =
2, 3,4, ...) become unstable, they as structure constitu-
ents may undergo substantial yet elastic macroscopic
deformation provided that D/d is small, which is
observed experimentally.
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Abstract—Stoichiometric and nonstoichiometric sodium niobate of the composition Na; _,NbO3_,,» (0<x<
0.2) isobtained by the two-stage solid-phase reaction technique. X-ray diffraction study reveals the homogene-
ity region for compositions below x = 0.1. At higher x, the samples become two-phase. The phase transition is
found to occur at x = 0.04. It is accompanied by a change in the multiplicity of the monoclinic subcell of the
sodium niobate rhombic unit cell, as well as by the anomalous behavior of its structural and electrophysical
characteristics. From the study of the dielectric and piezoelectric properties of the material, it is concluded that
the stability of the antiferroelectric phase is enhanced, whereas the ferroel ectric phase becomes less stable, as
the nonstoichiometry in terms of Na,O increases. © 2002 MAIK “ Nauka/Interperiodica” .

It is known that complex niobium oxides feature
polymorphism, morphotropy, and nonstoichiometric
composition [1]. These properties are the most pro-
nounced in sodium niobate (SN), which is character-
ized by the largest number of phase transitions among
octahedral oxygen compounds [2]. Moreover, SN can
combine with other compounds (by virtue of the wide
isomorphism [3]) to form solid solutions (SS) with
numerous sequential morphotropic transitions of differ-
ent nature [4] and has the extended homogeneity region
[5, 6], where the electrophysical parameters may
widely vary [7]. However, only a few works have been
concerned with the influence of nonstoichiometry on
the SN properties [5-10] and they mainly examine the
structure and the dielectric properties of the material.
However, our data [11] indicate that in the SN ceram-
ics, where the “nonstoichiometry” index x in the for-
mula Ng; _,NbO;_,,, (0 < x < 0.2) varies within wide
limits, the long-lived metastable ferroelectric (FE)
phase appears as the result of polarization. Its presence
shows up in the distinct piezoelectric effect related to
the piezoresonant dispersion of the permittivity. The
dispersion arises when the sample passes from the
mechanically free to the mechanically squeezed state.
This fact, aong with dielectric hysteresis loops
observed in [11-13], allows us to conclude that polar
microdomains (FE clusters), whose dimensions may
increase with the polarization of the ceramic [11],
appear in the antiferroelectric (AFE) phase of stoichio-
metric and nonstoichiometric SN. It was suggested to
use SN of composition Na, _,NbO;_,,, in nondestruc-
tive testing, where the high anisotropy of the piezoel ec-
tric coefficients, typical of SN, is an advantage. This
study follows our study on nonstoichiometric SN
undertaken in [10, 11].

Analytical-grade Na,CO5 and extra-pure- and com-
mercia-grade Nb,Os (with differing impurity contents
and compositions) were used to prepare stoichiometric
and nonstoichiometric SN of  composition
Na, _,NbO;_,,, where 0 < x < 0.2 and Ax = 0.2-0.025.
The niobates were synthesized using the solid-phase
reaction, including two-stage firing at temperatures of
800-850°C with a holdup time of 4 h at either stage.
The components were mixed in acohol to avoid
hydrolysis. Grinding was carried out in water. Two lots
of samples were prepared. The powders from the first
lot were not granulated, while those from the second
one were granulated to make them free-flowing. The
granulation, resulting in the considerable increase in
the density of the ceramic samples, was performed by
rubbing the pressed blocksfirst through asieve with the
mesh size 0.7-0.9 mm and then, after keeping the mate-
rial for morethan 4 hin aclosed vessel, through asieve
with amesh of 0.25-0.3 mm. A 5% aqueous sol ution of
polyvinyl alcohol was used as a binder. Double-ended
powder pressing under a pressure of 20 MPa was used
to form pellets 12 mm in diameter and 2.5 mm thick.
Sintering was carried out by the usual ceramic tech-
nique in a closed alundum boat a temperatures of
1220-1240°C for 2 h.

To choose the optimal sintering temperatures T, the
structural characteristics of the compound with x = 0.02
were analyzed for annealing temperatures varying from
800t0 1240°C (Table1; |, istheratio of theintensities
of impurity-related reflections to the intensity of the
110 SN reflection). As is seen from Table 1, impurity-
free SN forms at 1220-1240°C and is characterized by
the least values of the unit cell parameters and strains &.
A further increasein T, does not improve the quality of
the ceramic.

1063-7842/03/4702-0325%$22.00 © 2002 MAIK “Nauka/ Interperiodica’
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Table 1. Structural characteristics of SN with x = 0.02

REZNICHENKO et al.

T, °C ;;%;grré?e%‘:{ggs a=cA b, A B, deg V, A3 a, A 5 alb
800 6(NayNb,0O41) 3.9173 3.8809 90.63 59.55 3.9050 0.0087 1.0094
950 6(Na,Nb,0O;) 3.9160 3.8823 90.67 59.53 3.9047 0.0088 1.0087
1150 | <1(NaNbyOy) 30160 | 38815 | 90.63 5052 | 39044 | 00085 | 1.0089
1200 | Traces 1 (NaNbyOg) 3.9134 3.8834 90.65 59.47 3.9033 0.0082 1.0077
1220 | Pure 3.9135 3.8854 90.65 59.50 3.9040 0.0081 1.0072
1240 | Pure 30135 | 38853 | 9065 5050 | 39040 | 0008L | 1.0072

Table 2. X-ray diffraction data and measured densities for both lots of stoichiometric and nonstoichiometric sodium niobate

of composition Na; _,NbO3_,/»

Lot y I Unit cell Parameters of reduced monoclinic subcell o, o A
number | symmetry [5-c Al b A B deg| VA2 a A 5 glem® |glcm3| Frel
1 0 0 | RII(M4) 3.9135 | 3.8854 | 90.65 | 59.503 3.9040 | 0.0081 | 4.60 31 0.702
2 0 | RII(M4) 3.9121 | 3.8841 | 90.70 | 59.4388 | 3.9026 | 0.0085 | 4.605 | 4.31 | 0.936
1 0.02| 2 | RII(M4) 3.9129 | 3.8825 | 90.67 | 59.440 | 3.9026 | 0.0084 | 4.587 | 4.27 | 0.931
2 5 | RII(M4) 3.9128 | 3.8849 | 90.64 | 59.4730 | 3.9034 | 0.0080 | 4.585 | 4.25 | 0.927
1 0.04| 0 | RII(M4) 3.9187 | 3.8890 | 90.45 | 59.719 | 3.9087 | 0.0065 | 4.548 | 4.16 | 0.915
2 1 | RII(M4+M2) | 3.9128 | 3.8845 | 90.65 | 59.4576 | 3.9032 | 0.0081 | 4.568 | 4.38 | 0.959
1 0.06 3 | RI(M4+M2) | 3.9134 | 3.8813 | 90.62 | 59.438 3.9026 | 0.0082 | 4.553 | 4.18 | 0.918
2 2 | RII(M4+M2) | 3.9127 | 3.8854 | 90.63 | 59.4780 | 3.9035 | 0.0078 | 4.549 | 4.28 | 0.941
1 0.08| 3 | RI(M4+M2) | 39124 | 3.8837 | 90.64 | 59.444 | 3.9027 | 0.0081 | 4.535 | 4.08 | 0.899
2 5 | RII(M4+M2) | 3.9126 | 3.8863 | 90.63 | 59.4902 | 3.9037 | 0.0077 | 4531 | 4.15 | 0.916
1 010 | 7 | RI(M4+M2) | 3.9125 | 3.8822 | 90.64 | 59.425 | 3.9023 | 0.0082 | 4.519 | 3.74 | 0.828
2 2 | RI(M4+M2) | 3.9121 | 3.8860 | 90.64 | 59.4695 | 3.9033 | 0.0078 | 4.515 | 4.35 | 0.963
1 012 | 16 | RIl 3.9127 | 3.8849 | 90.64 | 59.471 3.9033 | 0.0080 | 4.498 | 3.09 | 0.687
1 0.14 | 19 | R 3.9135 | 3.8827 | 90.65 | 59.462 | 3.9031 | 0.0083 | 4.481 | 3.4 | 0.759
1 0.16 | 25 | RII 3.9124 | 3.8852 | 90.64 | 59.467 | 3.9032 | 0.0079 | 4.463 | 3.18 | 0.713
1 0.18 | 26 | RII 3.9125 | 3.8844 | 90.63 | 59.457 3.9030 | 0.0079 | 4.447 | 3.18 | 0.715
1 020 | 28 | RII 3.9132 | 3.8851 | 90.63 | 59.490 | 3.9037 | 0.0079 | 4.427 | 3.4 | 0.768

The €electrodes were conventionally fabricated by
firing-in silver paste. The samples were polarized in
PES-5 polyethylene siloxane liquid in the following
way: first, they were placed into the chamber at room
temperature and then the temperature smoothly rose to
140°C for 1520 min. The temperature rise was accom-
panied by an increase in the polarizing field from O to
4.5 kV/cm. Under these conditions, the samples were
kept for 2025 min and then were cooled down to 60°C
for no less than 20 min without removing the field.

X-ray diffraction studies were carried out using a
DRON-3 diffractometer (Fe,_ radiation, Mn filter) on

the powder objects (ground ceramic samples). Weiden-
tified the impurity phases and the unit cell symmetry, as
well as measured the parameters of the reduced perovs-
kite subcell, the size of coherent scattering areas

(CSAS) Dygo, and the microstrains Ad/d, . The relative
permittivity of the nonpolarized samples, ¢/g,, as a
function of temperature was determined with an E8-2
ac bridge at a frequency of 20 kHz. The piezoelectric

modulus d** was found by the quasi-static tech-

nique.

The X-ray diffraction data and the measurements of
the density for both lots of the stoichiometric and non-
stoichiometric (containing extra-pure-grade Nb,Os)
SNsarepresentedin Table 2. Here, | 4 istheratio of the
430 reflection intensity from the NaNb;Og impurity
compound, forming during the synthesis (and observed
also in [5, 6]), to the intensity of the NaNbO; 110
reflection. When commercial-grade Nb,Os is used, the
NaNb,OgF compound can also appear as an impurity,
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Fig. 1. Relative density (p,g) and structural characteristics
of stoichiometric and nonstoichiometric sodium niobate of
composition Na; _,NbO3_,/» as a function of x. (1) b,

2B (3a=c (4 V() pra; (6) Digo and (7) Ad/d;o-

which is difficult to distinguish from NaNb;Og, since
the most intense refl ections from both compounds used
for the impurity identification have the same or very
close interplanar spacings.

The experimental data indicate that practicaly
“pure” samples with the perovskite-like structure are
obtained at x < 0.1. The minor content of the NaNb;Og
impurity (and, probably, of NaNb,O:F) observed inthis
range of x is related to the previously discovered [14]
effect of crystallographic shift [15] in SN. Because of
this effect, some of AO sites [16] disappear, which is
responsiblefor an excessof Na. The range of SN homo-
geneity (0 < x < 0.1) found by us agrees with data
reported in [5, 6]. Outside this range, the impurity con-
tent abruptly grows with x and the system becomes
essentially two-phase. The samplesfrom both lots have
close lattice parameters. As was expected, the relative
density of the samplesfrom the second lot turned out to
be higher than for the samples from thefirst lot. Aswe
noted in [11], this strongly affects the permittivity and
the elastic modulus of the ceramics: both parameters
considerably increase with increasing density. At the
same time, a marked influence of the density on the
piezoel ectric propertieswas not observed: adecreasein
the porosity (an increase in the density) diminished the
electromechanical coupling coefficient K, of the plane
vibrational mode only dlightly and scarcely affects the
value of the electromechanical coupling coefficient K,
for the thickness vibrational mode [11].

For x < 0.04, SN has the rhombic symmetry (RII
[17]) with the monoclinic (M) perovskite subcell
R(M4); i.e., the symmetry isthe same asin stoichiomet-
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Fig. 2. Temperature dependences of the relative permittivity
for stoichiometric and nonstoi chiometric sodium niobate of
composition Na; _,NbO3_,,, taken at a frequency of
20 kHz.
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Fig. 3. Curie temperature shift AT in Nay _yNbO3_y»
under the action of the electric field 1 kV/cm.

ric SN. The parameters of the unit R cell are related to
those of the reduced M subcell as follows: A =
2a,c0spB/2, B = 4b,, and C = 2a,sinB/2 (where a,, by,
and (3 are the parameters of the M subcell). SN with x >
0.04 is characterized by the coexistence of R phases
with different multiplicities, namely, R(M4) and R(M2)
(with B = 2by). In the region x = 0.12, the multiplicity
was not determined because of the high impurity con-
tent in the samples. Figure 1 shows the x dependences
of the M subcell parameters, D,y and Ad/d,q,, and the
relative density of the samples from the first lot. In the
homogeneity range x = 0.04, the structural characteris-
tics experience anomalies observed previously [10] in
these compounds near the same values of x. The transi-
tion between two AFE R phases was anticipated to take
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Fig. 4. Temperature dependence of the quasi-static piezomodule dgg'StaI for stoichiometric and nonstoichiometric sodium niobate

of composition Na; _,NbO3_ .

place in this range [10]. It was noted that the appear-
ance of an extraanomaly inthe curvesg(T) intherange
280-330°C at high x, as well as the disappearance of

Ty, °C
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Fig. 5. x dependences of the (1) temperature of the piezo-

electric activity breakage Ty, (2) corresponding values of

the quasi-gtatic piezoel ectric modulus dggfat ,and (3) dggfat
br

at room temperature for stoichiometric and nonstoichiomet-
ric sodium niobate of composition Nay _,NbO3 _ .

the endoeffects [6] corresponding to high-temperature
phase transitions in the thermograms of the samples
with x = 0.08, indicate the difference in the properties
of these phases. Our datarelate thistransition primarily
to the change in the M subcell multiplicity, aswell asto
the change in the compound type: at x < 0.04, the excess
Na (=4.4 at. % [14]) in stoichiometric SN is depleted,
decreasing the overall Nacontent; at x > 0.04, Naleaves
regular cubic and octahedral sites. The anomalies of the
parameters at x = 0.1 are associated with the boundary
of the homogeneity range and, at x > 0.1, with fluctua-
tions of the chemical composition in the two-phase
region. Note that the transition to the two-phase region
is accompanied by the abrupt deterioration of the SN
crystal perfection (CSA shrinkage and increased
microstrains).

Figure 2 demonstrates the temperature dependences
of e/, for anumber of compositions. As X increases, so
does the Curie temperature (Tc) (which isin agreement
with data of [10]), approaching the temperature of tran-
sition (520°C) to the phase T1[18], where the displace-
ments of Nb® are entirely absent. The peak of €/g, dif-
fuses, and its value decreases. The shape of the depen-
dence €/ey(T) at x = 0.15 is close to the theoretical
dependence of the permittivity for the nonferroelectric
phase transition. Therefore, in the phenomenological
description of SN with high nonstoichiometry, thereis
no need to consider the FE instability, which is typical
of stoichiometric SN and compositions with x < 0.15.
Thus, Na vacancies stabilize the AFE phase in SN,
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whichisconsistent with theresultsof [19], whereit was
found by the electron microscopy method that the AFE
state in SN monocrystals is observed mainly in the
regions with Na deficiency.

The stabilization of the Na-deficient AFE phase is
also supported by the following fact. For all the compo-
sitions studied, T decreases under the action of the
external electric field, as in antiferroelectrics (Fig. 3).
Starting from x = 0.06, the shift of T remains
unchanged, about 6 K per 1 kV/cm. The minimum of
AT at x = 0.04 is related, as before, to the transition
R(M4) — R(M4 + M2).

Throughout the range of x, SN takes on the piezo-
electric properties after polarization. Figure 4 exhibits

the dependences di** (T) for the stoichiometric and

nonstoichiometric SN with the characteristic (for each
of the compositions) “breakage” of the piezoelectric
activity at the temperature T, which is 70-190°C
lower than T.. The nonmonotonic variations of T,
d3* corresponding to thistemperature, and dg;™* at
room temperature with the deep minimum at x = 0.04
and minimanear x = 0.12 and 0.14 (Fig. 5), reflect, as
indicated above, the change in the multiplicity of the
M subcell of the compound, aswell asthe transition (at
x = 0.10) from the one- to the two-phase state. The fact

that Ty, dgs- , and dg=" for x # 0 are smaller than
br

for the stoichiometric SN and decrease as X increases
testifies that the FE phase in SN loses stability as the
nonstoichiometry in terms of Na,O arises. The experi-
mental results obtained should be taken into account in
producing SN-based piezoel ectric ferroelectrics.

CONCLUSIONS

(1) The homogeneity range for sodium niobate of
composition Na, _,NbO;_,,, extends to x = 0.10. With
afurther increasein x, the material becomes two-phase.

(2) Within the homogeneity region (at x = 0.04), the
multiplicity of the monoclinic subcell of the rhombic
unit cell changes: R(M4) — R(M4 + M2), which is
accompanied by the anomalies in the structural and
electrophysical characteristics.

(3) The antiferroelectric phase becomes more sta-
ble, while the ferroelectric phase loses stability, as the
nonstoichiometry (x) increases.

(4) The experimental results obtained should be
taken into account in producing sodium niobate-based
piezoelectric ferroelectrics.
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Abstract—A method for the determination of the noise spectral density in a high-temperature microwave
SQUI D operating in the hysteresisregime is devel oped. Under these conditions, the reflection coefficient serves
as an output signal. It is shown that if adirectional coupler used for extracting the reflected wave is placed as
close to the SQUID loop as possible, the magnetometer can be designed as a microwave integrated circuit with

anoise flux spectral density So’ < 10-5y/Hz05, where @y is the magnetic flux quantum. © 2002 MAIK

“Nauka/Interperiodica” .

INTRODUCTION

The ultimate sensitivity of microwave SQUID-
based measuring systems depends on the noise level. In
SQUIDs, by noise we mean random oscillations of the
magnetic flux. The theory of noise for a single-contact
low-temperature SQUID, i.e., for aSQUID operating at
liquid-helium temperature (T = 4.2 K) in the hysteresis
regime, has been described in detail in [1, 2]. At low
temperatures, it is customary to consider noise as the
sum of the SQUID noiseitself and the noise of the mea-
suring system (preamplifier, oscillator, or feeders). The
noise of the preamplifier at room temperature domi-
nates in the low-temperature measuring systems [1-8].

The theory of a single-contact SQUID predicts that
as the pumping frequency increases up to the critical
frequency f. of a Josephson junction, the noise level of
the measuring system decreases. This has stimulated
the advance to microwave pumping frequencies. Unfor-
tunately, for microwave SQUIDs operating in the hys-
teresis regime, unlike the anhysteretic one [9, 10], a
model for noise spectral density has not been devel oped
by now. In the literature, it is “carefully” suggested to
evaluate the noise level of a high-temperature super-
conducting (HTSC) single-contact microwave SQUID
by extrapolating the theoretical results for a low-tem-
perature SQUID to the HTSC range [8]. The recom-
mendation is based on the assumption that the ratio
between the noise from internal and external sources
(the latter is, e.g., the preamplifier noise at room tem-
perature), 1: 20 at T = 4.2 K, does not change substan-
tially in passing to the high-temperature range (T =
78 K). Such an assumption may be valid for SQUID
magnetometers shown in Fig. 1la. Typically, these cir-
cuits include a Y-circulator, separating the incident and

reflected waves. Even in the case of elaborate screen-
ing, the circulator should remote from the SQUID loop,
because it generates stray magnetic fields. This leads,
however, to an increase in the length of feed lines and,
accordingly, their contribution to the noise [11-14].

Inthemicrowave HTSC SQUID layout illustrated in
Fig. 1b, the SQUID loop impedance is matched with
external circuits using, for example, a dot-line-based
quadripole [15, 16]. To separate the incident and
reflected waves, one can use a directional coupler with
isolated arms |11 and 1111 that is arranged as close to
the SQUID loop aspossible. Inthis case, thedevicelay-
out will differ from the traditional one. Moreover, if the
first cascade of the low-noise amplifier is placed near
the directiona coupler, the contributions of each of the
noise sources become of the same order of magnitude.
Therefore, amodel allowing more accurate calculations
of the HTSC SQUID magnetometer ultimate sensitivity
in the hysteresis regime has to be devel oped.

INTRINSIC NOISE OF THE MEASURING
SYSTEM

Noise is characterized by the noise flux @, which
can be described by statistical methods due to its ran-
dom nature. An estimate of the least possible noise fac-
tor in device and ways of decreasing it are of practical
importance. The noise factor is defined as

T+ @0

N = o 0
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where [@2[Jis the averaged value of the squares of the

magnetic flux measured and (¥, Cisthe averaged value
of the squares of the noise flux.

Two components of the total noise flux can be dis-
tinguished. The first component is caused by external
noise sources, the other, by intrinsic sources of the mea:
suring system. Below, we will consider the second
component, i.e., the noise of the measuring system. The
external sources are omitted, since they are effectively
removed by properly screening the measuring channel
and the residual noise (if any) characterizes the screen
quality rather than the system noise. Note that in thellit-
erature, the oscillator and the amplifier are usually
referred to as “external” noise sources. However, here-
after we are dealing with the noise of the measuring
system and all its components are viewed as intrinsic
NOI Se SoUrces.

Let us consider the microwave SQUID circuit
shown in Fig. 1b more fully. Here, the elements
(SQUID loops, matching quadripole, and the first
amplifier cascade) are arranged very closely. This is
achieved by using the directional coupler with the iso-
lated arms |1 and 111, instead of the circulator, to
separate the incident and reflected waves, as well as by
placing the first amplifier cascade (transistor) on the
same substrate. For such a modification of the magne-
tometer, the model for noise calculation based on the
approach described in [1-5] is given below.

Thetotal noise ®y, in the system is generated by dif-
ferent sources. (1) Josephson junction, (2) matching
circuit (resonant circuit in the case of an rf SQUID),
(3) conductors (waveguides and feeders) connecting
the SQUID with the measuring equipment kept at room
temperature, (4) preamplifier, (5) oscillator, (6) feed-
back loop [5], and (7) magnetometer case.

Assuming that all the noise sources are independent
and the superposition condition is fulfilled, the aver-
aged sguare of the noise flux is given by

0= @30+ @2, 0+... + @50 2

while the averaged product [@;®,;[= 0 for i #j. This
assumption is not quite rigorous, because the supercon-
ducting ring influences the resonant circuit noises;
however, the corresponding corrections can be
neglected [17-19]. Therefore, first, the average square

of the noise flux (¥ Cadjusted to the system input is

determined for each of the sources and then the results
are summed. Every partia contribution is calculated as
the effective noise flux passing through the hole of the
superconducting ring. Hence, a comparison between
thetotal contribution from all the sources and the exter-
nal magnetic flux ® becomes possible.

2002
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(a)

[O§)

Fig. 1. Designs of microwave magnetometers. (a) Conven-
tional designusing aY circulator: 1, analyzer; 2, attenuator;
3, Ycirculator; 4, LNA; 5, 50-Q cable; 6, resonance circuit;
and 7, pickup coil. (b) Planar design with adirectional cou-
pler placed close to the SQUID loop: 1, analyzer; 2, attenu-
ator; 3, matched load; 4, matching quadripole; 5, directional
coupler; and 6, LNA.

The results of simulation are conveniently repre-
sented in terms of the flux fluctuation spectral density
for each of the sources:

[e5]
SR ©)

where Af is the passband of the output filter.

The noisein the system can thus be expressed asthe
average sguare of the noise flux per unit frequency
bandwidth:

Son = (Sp1+Se2+ Spst 1) (4)

Inthe literature, it isthe practice to express the final
(numerical) result for the noise spectral density through

Sua /D, which gives a clear estimate in units of mag-
netic flux quantum.
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NOISE IN MICROWAVE SQUIDs

In this section, we present an analytical description
of noise in the measuring system of a microwave

SQUID. The noise flux spectral density Sia

expressed through typical parameters of a microwave
circuit, such as reflection coefficient, transmission
coefficient, etc. Let us consider each of the components
of the noise spectrum separately. In the magnetometer
circuit showninFig. 1, four noise sources can be distin-
guished: (1) SQUID loop closed by the Josephson con-
tact, (2) amplifier, (3) feed lines, and (4) oscillator.! The
feedback loop is not shown in Fig. 1, but its contribu-
tion can be assumed to be equal to that from the feed
lines because the loop and the lines are traced inasim-
ilar way. Therefore, when calculating the noise in the
circuit with afeedback loop, one must double the noise
value due to the feed lines in the expression for the
noise spectral density. It is also significant that we dis-
cuss thermal noisg, i.e., that generated by temperature
oscillations. For the amplifier, where the noiseis caused
by nonthermal effects, we introduce the notion of effec-

tive noisetemperature TR~ with the analytic approach

remaining the same.

NOISE OF A JOSEPHSON JUNCTION

An expression for the noise flux of a Josephson
junction can be found based on the uniform energy dis-
tribution over degrees of freedom. If the magnetic flux
energy stored in the ring is equal to the thermal excita-
tion energy, the average energy is

¢2 kB
, 5
2LS 2 ©)

where kg is the Boltzmann constant, T =78 K, Lgisthe
SQUID loop inductance, and @ is the total magnetic
flux encircled by the SQUID loop.

From Eq. (5), the magnetic flux is
® = kgTLs. (6)

For unitary sampling, the magnetic flux ® isaran-
dom quantity from the infinite statistica ensemble.
Hence, to obtain atruer value, the sampling time, i.e.,
the time of measurement, should be more than the
microwave oscillation period. If this condition is ful-
filled, the spread of the random magnetic flux values
AD, or, in essence, the magnetic flux noisein aband Af,
is given by

AQ? = kBTLSEQwoAfE , )

1 The preliminary calculation for the case noise showed that the
noise flux is @y = 0.02d, at a case perimeter of 8 cm and awall
thickness of 0.5 cm. In this situation, the effective noise flux
adjusted to the SQUID loop input is negligibly small in compari-
son with the other sources, since it depends on the ratio between
the SQUID loop area and the area outlined by the case. As a

result, we obtain for the effective case noise flux ®y < 1078y,

VENDIK, DANILOV

where (wy/21X) is the number of samples for atime
T = VAR

Dividing Eq. (7) by Af, we obtain the expression for
the spectral density of the Josephson contact noise flux:

1/2

S = HaTlers - ®)

For rf SQUIDs, formulas for the spectral density of
the Josephson contact noise can be found in the litera-
ture, eg., in [8, 19]. However, Eq. (8) is based on the
simple assumptions; has the simpler form; and, which
is more important, gives a good fit to the experimental
datafor the rf range.

NOISE OF THE AMPLIFIER AND FEED LINES

At the early stage, the noise spectral densities of the

amplifier, Sy, , and feed lines, Sy’5 , were calculated.
The calculation procedure was as follows. First, the
average microwave pump power reflected by the
SQUID loop was determined. Then, a relationship for
the noi se fluxes caused by the above-mentioned sources
was found. Further, using the Nyquist theorem, we
obtained expressions for the noise power of the ampli-
fier and feed lines. Finally, these expressions were con-
verted to those for the noise spectral density. Let usstart
with the expression for the maximum pump (input)
power incident on the SQUID loop:

P = SRuIZ ©)
Here, I isthe critical current of the Josephson contact,
Ry is the sum of the contact-shunting impedance Ry,
and the real component of the Josephson contact
impedance at a fixed basic SQUID parameter 3, and a
dc magnetic flux ®, pc that is a multiple of half the
magnetic flux quantum.

The microwave power reflected by the Josephson
contact depends on the reflection coefficient, which, in
its turn, depends on the magnetic flux ®, pc by a saw-
tooth law:

Prest(Py 0c) = PinlT (@, oc)|*-

In terms of the normalized values (x = 2®, /D),
Eqg. (10) inthe range 0 < x < 1 can be written as

Prefl(x) = IDinl rmax(l - X)Zi

wherel . isthe maximum value of the reflection coef-
ficient.
To find the average power reflected by the SQUID

loop, it is necessary to integrate the left-hand part of
Eg. (11) over xin the range considered and to take into

(10)

(11)
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account the transmission coefficient of the line:
1

(Prai] = Pl o) (1= x)?dXx. (12)
0
Here, n isthe fractional transmission coefficient:
_ 1

where | is the length of the lines, i.e., the distance
between the SQUID loop and the preamplifier,and a is
the damping coefficient of the lines that depends on the
pumping frequency.

From the microwave SQUID designs shown in
Fig. 1, it is obvious that the transmisson coefficient is
higher in the second modification (Fig. 1b). Equations (10)
and (12) imply that

1
[Pr] = ZRulEIM mad .-

L et us write the expression relating the noise power
Py and the noise magnetic flux @, through the average
reflected power. This relation has the quadratic form

(14)

Pn _ g O f
|:PreﬂE| |:":":Dx DCIﬂ '

where [@, pcl= ®y/4 is the average signal flux in the
range ®, pc =0... ®y/2.

The noise flux can be expressed from Eq. (15) as

P2 = ﬂlqu Py
N D4D |:Prefllj

The only unknown in Eqg. (16) isthe combined noise
power Py of the amplifier and the feed lines. The value
of Py was sought with the Nyquist theorem, which
states that the mean sguare of the noise voltage for a
resistance R at atemperature T is given by the expres-
sion

(15)

(16)

(U0 = 4ks TRAS. (17)

From Eq. (17), we can obtain the expression for the
power of the sought noise:

PAV" = 4k TRV AT, (18)
Py = 4kgT(1—n)Af, (19)
where PV and PY"© are the noise powers of the

amplifier and the lines, respectively, and TR

noise temperature of the amplifier.
According to Egs. (16), (18), and (19), we have

is the

24K TRV Af
e (20)
2 0ab 0 PO
2
2 _ (DgPAksT(1-n)Af
Pus = a0 g (21)
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Fig. 2. Frequency dependences of the spectral density ng
of the noise flux for different values of the main SQUID
parameter BL atfo = 3 GHz, Jc=5pPA, Rgy =5 Q, and
Lg =200 pH.

To obtain the final equation for the spectral density
of the noiseflux, both parts of Egs. (20) and (21) should
be divided by Af:

o[ Ak, TP 17
So2= Z T | (22)
2 A Rl /6
O 4ksT(1—n) 7¥2
SR S
Rulc|l ma] N/6

NOISE OF THE MICROWAVE
OSCILLATOR

Microwave power sources should obey several gen-
eral rules: the Q factor of the oscillator must be as high
as possible, the power generated must be low, and the
coupling with the oscillator must be weak [19]. If these
requirements are fulfilled, the attainable values of the
effective Q factor, which determines the signal-to-noise
ratio, are more than 102 for crystal oscillators and 10*°
for LC oscillators [19]. The spectral density of the
oscillator is given by

P W/ Q
S o(w) = FO 3 2 >
(w/Q)” + (w— uy)

where P, is the operating power of the oscillator.

The spectral power density at frequencies other than
the resonant one is given by the expression
Q) = &)—wO/ZQ 51
T(w/Q)"+Q
where Q isthe modulation frequency.

In Eq. (25), theterm (w,/Q)? is a second-order infin-
itesmal if Aww = 12/Q and Q = 21, where F, =

(24)

S Lo( + (25)



334
Table

VENDIK, DANILOV

Sp, 1, PHZ?® S, 2, P/HZ®

SID, 3 CDO/HZO'S

SD, " CDO/HZO'S ij/z, CDO/HZO'S

41x10° 5.6x 107

1.7x10°

3.8x10° 8.1x10°°

100 kHz (whichisvalid for modern crystal oscillators).
With regard for this, Eq. (25) takes the form
Po %o
i QQZ'

We should transform Eq. (26) to the general form,
i.e., express the spectral density of the noise flux:

2 _ %[ S sz
ﬁ"‘ 4 Pinlrmax|2n/3 .

Eventually, for the spectral density of the oscillator
noise flux, we have

iz _ q’o[ ) 3 TJZ
i P T B
4 LQQ*M My N

Thus, we have found the equations for the spectral
density of the noise flux for al the four noise sources.

To represent the final expression in the generally
accepted form, it is necessary to sum the squares of
Egs. (8), (22), (23), and (28), take the root of this sum,
and divide the result by the magnetic field quantum.
Ultimately, for the spectral noise density expressed in
units of magnetic flux quantum, we obtain

g - [keTLs , 3ke(Ty" +T(1-n)
Tl te] 2 Ryl

Sp Lo+ Q) = (26)

(27)

(28)

(29)

172

T S
8QQ°II el
For typical parameters of the measuring system

based on a high-temperature microwave SQUID, ng

asafunction of fisshownin Fig. 2. Datafor the center
frequency f, = 3 GHz are given in the table.

CONCLUSION

The calculations of the spectral density of the noise
flux for each of the sources showed the following. For
the planar magnetometer design, where the losses due
to long feed lines are absent and the preamplifier and
the matching quadripole are integrated into one chip,
the partial noise contributions are comparable by order
of magnitude. This allows us to refine the ultimate sen-
sitivity of theintegrated systems by extrapolating theo-
retical results for low-temperature SQUIDsto the high-
temperature range.

According to our method, the spectral noise density
of a SQUID-based microwave measuring system
decreases as the pumping frequency increases, whichis
well corroborated by the experimental data. The model
isvalid in the frequency range down to the critical fre-
guency of the Josephson junction.
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Abstract—Experimentally observed Cherenkov superradiance produced by a subnanosecond electron bunch
traveling through a partially filled waveguide is reported. 400-ps microwave pulses with a peak power of 2 MW
are obtained. The experimental results are in good agreement with the theoretical analysis and numerical sim-
ulations performed with the help of the PIC code KARAT. © 2002 MAIK “ Nauka/Interperiodica” .

INTRODUCTION

Recently, considerable attention has been focused
on the possibility of generating ultrashort electromag-
netic pulses using the effect of superradiance of spa-
tially localized 5 to 10-wavelength-long electron
bunches [1-11]. The bunch as a whole can generate
intense coherent radiation only if the process of bunch-
ing is completed. In extended electron bunches, the
bunching mechanisms are similar to those observed in
continuous flows. Nevertheless, the stimulated radia-
tion of extended electron bunches has certain features
associated primarily with energy withdrawal from the
bunch. The result is the intrinsically pulsed nature of
the radiation. Moreover, the radiation is coherent and
its peak power isproportional to the number of particles
in the bunch squared.

Naturaly, the superradiance of classical electron
ensembles can be associated with different elementary
induced radiation mechanisms (bremsstrahlung, cyclo-
tron radiation, Cherenkov radiation, etc.). To date, pio-
neering experiments on superradiance in electron
bunches have been carried out [7-11]. Electromagnetic
pulses with apeak power of up to 150 MW and as short
as ~300 pswere generated at 39 GHz using an electron
bunch moving along a rectilinear path in a slow-wave
structure (the Cherenkov mechanism) [10, 11]. In this
case, the radiation was produced by synchronous inter-
action between the particles and a slow electromagnetic
wave traveling in the opposite direction. Cherenkov
superradiance can a so be produced by interaction with
the wave traveling in the same direction, for example,
when the electrons move rectilinearly in a waveguide
partialy filled with a dielectric.

This paper reports the theoretical and experimental
study of Cherenkov superradiance in such systems.
Section 1 analyzes the superradiance in terms of the
averaged equations for the slowly varying amplitude of
the wave. In Section 2, Cherenkov superradiance is
simulated with the PIC code KARAT, which directly
(without averaging) integrates the Maxwell equations
combined with the equations of electron motion with
allowance for the real geometry of the partially filled
waveguide, the effect of space charge, dispersion, etc.
In Section 3, we discuss early experiments on Cheren-
kov superradiance that have been performed on the
RADAN subnanosecond accelerator. In these experi-
ments, 400- to 500-ps-long microwave pulses with a
peak power of 1-2 MW were generated.

1. ANALY SIS OF CHERENKOV
SUPERRADIANCE BASED ON THE EQUATIONS
FOR THE SLOWLY VARYING AMPLITUDE
OF THE WAVE

In a partialy filled waveguide (Fig. 1), electrons
interact with the wave if the Cherenkov synchronism
condition is met:

w = hy, Q)
where V| = Byc is the undisturbed trand ational velocity
of the electrons and h is the longitudinal wave number.

Figure 2 shows the dispersion diagram correspond-
ing to the partially filled waveguide excited by the elec-
tron bunch of the TMy; mode. The dispersion relation

1063-7842/03/4702-0335%$22.00 © 2002 MAIK “Nauka/Interperiodica’



Fig. 1. Layout of the Cherenkov superradiance experiment:
1, cathode; 2, anode; 3, solenoid; 4, drift chamber; 5, elec-
tron bunch; 6, horn antenna; 7, output aperture; and
8, dielectric insert.

f, GHz
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Fig. 2. Dispersion diagram for the TMg; and HE;; modes
excited by the electron bunch in the partialy filled
waveguide.

for this mode can be written as
l,(p(R-3a)) ¢

plo(p(R-a)) ¢
No(9R)J1(g(R-a)) —N;(g(R-a))Jo(gR)
Jo(g(R-a))No(gR) — No(g(R—2a)) Jo(9R)

where Risthe radius of the waveguide; a and € are the
thickness and permittivity of the dielectric insert; g =

JKe—h? and p = J/h?—K* are the transverse wave
numbers for the dielectric and free space, respectively;
k = w/c; J, is the Bessel function; N, is the Neumann
function; and |, is the modified Bessel function.

Let us represent the field excited in the waveguide
by an electron bunch following a rectilinear trajectory
as

2
= O’

E, = Re{Ey(rp)A(z t)} exp[iwt—ih7],

GINZBURG et al.

wherethefunction E; (r ;) describesthe transversefield

distribution specified by the waveguide mode, w is the
carrier frequency corresponding to exact synchronism,
and A(z, t) isthe slowly varying amplitude.

Zonl

Using
_B VI, VF’

where V, isthe group velocity of the wave, asindepen-
dent variables, the stimulated radiation of an individual
electron bunch can be described by the system of equa-
tions

5zt a =@,

with the initial and boundary conditions

l
z:—

7o

> = Im(ae®) (3

a|1:0 =0, OJz.¢ = Oy+rcosQ,,

00

o =0, 6,0][0,2n.
57, o U [0, 27
Here,
12n
_ L1, o
J = nJ’e do,

0

is the amplitude of the rf electron current, © = wt — hz
is the phase of the electron relative to the synchronous
wave,

_ 2. —34-3
a= mc Yo Bo Es,(Ro)
is the dimensionless amplitude of the wave,

01 e_I)\3p Rlo(loRo)D

C - 3 3
(2m)°’mc’R’ Ns D

is the gain parameter, | is the total current, A = 21c/w,
R, istheinjection radius,

= th2 If(pr)rdr

J

. Rhep’ I5(p(R-4a))
9°  [No(gR)Jo(gd) — Jo(gR)No(gd)]®
X j[Jo(gR)Nl(gr)—No(gR)Jl(gr)lzrdr

isthe norm of the TMy, mode, and f({) isthe bunch den-
sity distribution in the longitudinal direction. We fur-
ther assume that the electrons are uniformly distributed

TECHNICAL PHYSICS Vol. 47 No. 3 2002
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(b)

Fig. 3. (a) Evolution of the electromagnetic pulse amplitude distribution and (b) the amplitude of the superradiance pulseat L = 14

(solid line) and 11 (dotted line).

within the bunch; i.e.,, f({) = 1 for ¢ O [0, T], where

ol _1ig* 4
epulse[v le ( )

is the normalized duration of the e ectron bunch.

~ The radiated power can be found from the expres-
sion

T =c%

C'y°Bo
2 15(PRy) RA’p*

where L = Clw/c is the dimensionless length of the
interaction space.

Notethat system of equations (3) coincideswith that
describing the superradiance of an electron bunch trav-
eling in the periodic magnetic field of an undulator
[1,2].

System (3) was numerically simulated for the
parameters of the electron bunch and dow-wave struc-
ture close to those used in the experiment: R= 0.5 cm,
R,=0.15cm,e=3,a=0.2cm, | =200A,y=1.4, and
C = 0.057. We considered the excitation of the TMy;
mode, for which the group velocity at the resonance
frequency 38 GHzisV,, = 0.5¢, asfollowsfrom thedis-
persion diagram (Fig. 2). The process was simulated at
anormalized bunch duration T = 6, which corresponds,
with the above parameters, to the =250-ps-long plateau
of the electron pulse. Theinitial modulation r = 0.0005
was chosen so that the saturation was achieved when
the system was longer than 30 cm (for the dimension-
less length L = 13), according to the experimental con-
ditions (Section 3).

Figure 3a shows the space-time distribution of the
electric field amplitude, which illustrates the shaping of

2 5
n
p=orls = E )

TECHNICAL PHYSICS Vol. 47 No. 3 2002

a short superradiance pulse in a sufficiently long inter-
action space. The pulse arises because of the grouping
of electronsin the bunch and adlip of the wave relative
to the electrons. The dip is associated with the differ-
ence between the group velocity of the wave and the
particle velocity. As aresult of the dip, individual por-
tions of the electron bunch are synchronized. Figure 3b
shows superradiance pulses for different normalized
lengths of the interaction space: L = 14 and L = 11,
which correspond to the nonlinear saturation mode and
to the final stage of the linear mode, respectively. The
minimum superradiance pulse duration is achieved in
the saturation mode and equal s=250 ps at a peak power
of 6 MW. At the shorter length (L = 11), which isclose
to that used in the experiment, the pulse duration is
=300 ps at a peak power of =4 MW.

0 0.2 04 ¢

e.pulse

Fig. 4. Peak radiated power versus electron bunch duration.
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Fig. 5. Current pulse used in the KARAT code simulation.
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Fig. 6. Geometry of the interaction space and the positions
of the electron bunch at time instants t = (a) 0.5 and (b)
1.5ns. (1) Dielectric insert, (2) electron bunch, and (3) out-
put aperture.

An important property of the superradiance process
is the dependence of the peak power on the total num-
ber of particles or on the total bunch charge. Figure 4
shows the peak power versus pulse duration at a con-
stant current and L = 20 (the saturation mode). Aslong
asthe electron pulse duration is shorter than 250 ps, the

GINZBURG et al.

curve is nearly quadratic. This means that all particles
of the bunch emit coherently under these conditions.
When the duration of the electron bunch is greater than
300 ps, the peak power saturates, because the electron
bunch becomes too long to radiate coherently from the
entire volume.

2. SSIMULATION OF CHERENKOV
SUPERRADIANCE WITH THE KARAT CODE

To more fully cover factors affecting the real exper-
iment, including the of space charge the bunch the dis-
persion of the electromagnetic pulse, etc., we simulated
Cherenkov radiation in a partialy filled waveguide,
using the 2.5-dimensional version of the KARAT code.
In thismodel, the electron motion isthree-dimensional,
while the fields are axisymmetric. We assume that an
electron bunch with given current and energy of the
electrons is injected aong a uniform magnetic field
directly into theinteraction space, i.e., into acylindrical
waveguide with a dielectric insert. The current pulse
used in the simulations is shown in Fig. 5. The geome-
try of the system meets actual experimental conditions
and is illustrated in Fig. 6, where the position of the
electron bunch at different time instants after the injec-
tion isalso shown. As aresult of theinteraction, theini-
tially uniform bunch density becomes strongly modu-
lated, causing the longitudina momentum modulation
of the particles (Fig. 7).

Figure 8a plots the radiated power versustime at an
electron energy of 200 keV and a peak current of
200 A. The radiation has the form of a short, =300 ps,
pulse of peak power =2 MW. Note that the period-aver-
aged pulse power is half the instantaneous power
shown in Fig. 8a The spectrum of the radiation
(Fig. 8b) is wide. Its relative bandwidth is 15%. The
center frequency meets Cherenkov synchronism condi-
tion (1) for the TMy mode of the partially filled
waveguide (Fig. 2). The transverse field distribution
also corresponds to the TMy; mode excitation (Fig. 9).

The induced nature of the radiation can be illus-
trated by the dependence of the peak radiated power on
the length of the interaction space (virtually, on the
length of the dielectric insert), Fig. 10a. The peak
power first exponentially increases and then saturates.
The exponential growth of the radiated power with
interaction length is associated with particle bunching.
It should be noted that if we had dealt with conventional
spontaneous radiation due to either density fluctuations
in the electron bunch or current fronts, the exponential
power versus interaction length dependence would
have been absent. Our simulations show that, under the
experimental conditions, the induced radiation prevails
and the spontaneous radiation acts as atrigger. Depend-
ing on the experimental conditions, this trigger can be
produced either by particle density fluctuations or by
the radiation from the leading edge of the electron
bunch.

TECHNICAL PHYSICS  Vol. 47
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Fig. 7. Phase plane (p,, Z) showing the longitudinal momen-
tum modulation of the electron bunchatt =1.5ns.

The smulations with the KARAT code also con-
firmed the quadratic peak power versus bunch particle
number dependence. Here, the duration and the shape
of the electron pulse were kept unchanged and the peak
power was varied. The length of the dielectric insert
was 36 cm, i.e., corresponded to the saturation mode.
As follows from Fig. 10b, the peak radiated power is
proportional to the number of particles in the bunch
squared (i.e., al electrons of the bunch radiate coher-
ently) aslong asthe peak current isbelow 100 A. When
the current exceeds 100 A, the dependence is nonqua-
dratic and saturates at currents stronger than 200 A.
This can be attributed, in particular, to the effect of the
space charge, which causes the bunch to diverge and,
consequently, increases the dynamic spread in the lon-
gitudinal particle velocity.

Similarly to Fig. 4, the peak power is asquare func-
tion of the pulse duration at a given current while the
pulseissufficiently short (in our simulations, at te s <
300 ps). It isimportant that an increase in the duration
of the electron bunch with the shape of itsleading edge
and the peak current remaining unchanged creates
additional (secondary) peaks of the electromagnetic
radiation (Fig. 11a): i.e., the radiation takes the form of
atrain of electromagnetic pulses. As we noted in Sec-
tion 2, thiseffect occurs because the bunch becomestoo
long [in terms of the cooperative duration t. =

(wC) By — By)] to provide coherent radiation from
its entire volume. As a result, the bunch splitsinto sep-
arate regions, which emit electromagnetic pulses virtu-
aly independently of each other. This mode is com-
monly called self-amplified spontaneous emission
(SASE).

It should be noted that the generation of the second-
ary pulses (Fig. 11a), whose amplitude is almost the
same as that of thefirst pulse, indicate that, for the sim-
ulation parameters (primarily, for the gain assumed),

TECHNICAL PHYSICS Vol. 47 No. 3 2002
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Fig. 8. () Cherenkov superradiance pulse and (b) its spec-
trum.
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Fig. 9. Transversedistributions of the (1) E,and (2) E; at the
exit from the interaction space (z= 33 cm).
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Fig. 10. Peak power of the superradiance pulse versus
(a) length of the interaction space and (b) amplitude of the
current at afixed electron bunch duration.

the radiation is triggered by the fluctuation noise in the
electron bunch. However, the situation where the emis-
sionistriggered by the coherent radiation of the leading
edge of the current pulseisalso quite possible. We sim-
ulated this situation by increasing the gap between the

P, MW
0.6

- (a)

03

\“ |
|

0 1.5 3.0

N

|
]

0.4 (b)

0.2F

0 1 2 3
t, ns

Fig. 11. Radiated power versus time for a long electron
bunch. The radiation is triggered by (&) fluctuation noise
and (b) emission of the leading edge of the electron pulse.
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bunch and the slow-wave structure, thus decreasing the
increments and simultaneously shortening the leading
edge of the electron pulseto 30 ps. The output radiation
generated in this situation by a 1.2-ns-long pulse is
illustrated in Fig. 11b. In this case, it is concentrated
mostly in thefirst pulse, which isinitiated by the emis-
sion of the leading edge. After this pul se has passed, the
amplitude of theinitial fluctuations of the electron flow
density isinsufficient for the process to develop and the
output signal decaysalmost to zero over the given inter-
action length. As a result, the effective duration of the
pulse train radiated is found to be significantly smaller
than the electron pulse duration.

3. EXPERIMENTAL STUDY OF CHERENKOV
SUPERRADIANCE

The RADAN 303 accel erator with a subnanosecond
sharpener was used as an injector of 1-kA pulses of
200- to 250-keV eectrons [12, 13]. The pulses were
0.3-0.5 nswide. They were generated by the explosive
emission cathode of acoaxia vacuum diode with mag-
netic insulation. The average pulse radius was 0.15 cm.

(a)

200 kV

(b) N4

500 A

(©)

2 MW

Fig. 12. Typical oscillograms of (a) the accelerating voltage,
(b) electron current before entering the anode collimator,
and (c) Cherenkov superradiance pulse.
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Typical oscillograms of the accelerating voltage and of
the electron current are shown in Figs. 12a and 12b,
respectively. Note that, when the electron bunch enters
the dielectric waveguide and also when it moves
through it, the current is partialy lost due to the colli-
mating effect of the anode unit and adjustment errors. A
7-GHz-bandwidth Textronix 7250 oscilloscope was
used to record subnanosecond pulses picked up by the
voltage, current, and microwave power sensors. The
transient period of the hot-carrier germanium diodes
was 200 ps. The high-current electron bunches were
transported through the interaction space in a uniform
magnetic field of 13-14 kOe. The interaction space was
apartially filled waveguide. Lavsan' and Teflon dielec-
tric inserts with a permittivity of 2.5-3 were used. The
best results were obtained with the multilayer dielectric
insert made by winding a 0.05-mm-thick Lavsan film.
For this case, typical 0.4- to 0.5-ns-long Cherenkov
superradiance pulseswith apeak current of 200 A at the
exit from the interaction space are shown in Fig. 12c.

The spectra taken with a system of high-pass
waveguide filters and metallic gratings with different
meshes show that the center frequency is close to the
theoretical value of =39 GHz. However, the width of
the entire spectrum is found to be significantly larger
than predicted (Fig. 8b), reaching 10 GHz. The broad-
ening of the pulse spectrum can be attributed to the fact
that the TM,; mode is excited along with the hybrid
HE,; mode, whose dispersion characteristic aso inter-
sects the electron flow in the operating frequency band
(Fig. 2). The higher modes of the partialy filled
waveguide could also be excited. The presence of sev-
eral modes in the output radiation is also corroborated
by the shape of the radiation pattern (Fig. 13), which
lacks a deep dip at the center, which is typical of the
TMy; mode.

Note that the initial spread in the longitudinal elec-
tron velocity and the variation of the average electron
energy due to the time instability of the shape of the
accelerating voltage pulse may also cause the broaden-
ing of the superradiance pulse spectrum. As a result,
electron fractions with different trandational velocities
produce different resonance points in the dispersion
characteristic.

The peak power radiated was estimated by integrat-
ing the radiation pattern constructed. At a current of
200 A, it was as high as 1-2 MW. The duration of the
superradiance pulses measured (=0.4 ns) was some-
what longer than that obtained in the simulation. The
increase in the pulse duration can also be explained by
the simultaneous excitation of several modes, which, in
general, have different group velocities.

Figure 14 plotsthe experimental peak power against
the length of the interaction space. The length of the
interaction space was varied by depositing the electron
bunch on the wall of the partialy filled waveguide

1 polyester fiber. Russian equivalent of Dacron.
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length of the interaction space.

through successively switching off the coils generating
the guiding magnetic field, with thefield strength in the
uniform portion of the solenoid kept unchanged. The
initial portion of the curve is exponential. Further, the
curve tends to saturation (cf. Fig. 10a), implying that
the radiation is induced, i.e., arises be cause of particle
bunching.

CONCLUSION

Thus, we first observed short-pulse Cherenkov radi-
ation produced by a single electron bunch. Megawatt
microwave pulses of subnanosecond duration corre-
sponding to approximately 15 periods of the carrier fre-
guency were generated. In accordance with the theoret-
ica analysis and computer simulation, this radiation
can be interpreted as the superradiance. It should be
noted that in our experiments, the pulsed radiation was
produced by a single subnanosecond electron bunch in
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contrast to the experiments [14], where the radiation
was generated by atrain of such pulses synchronized by
an external feedback.
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Abstract—A theory of exchange dipole hybrid el ectromagnetic-spin wavesis elaborated. The waves propagate
in arbitrary magnetized five-layer screened structures where aferromagnetic layer is separated from the metal -
lic screens by two insulating layers on both sides, the layers having different permittivities. Within this theory,
the effect of the screens on the hybrid surface wave spectrum in layered structures is analyzed. The structures
consist of aferromagnetic film that is applied on an insulating substrate and is in contact with a ferroelectric

plate. © 2002 MAIK “ Nauka/Interperiodica” .

In [1, 2], the idea of tuning microwave spin-wave
devices by varying the permittivity of the ferroelectric
film contacting with the ferromagnetic one has been put
forward. Its implementation would greatly improve the
parameters of such devices as electricaly controlled
spin-wave phase shifters, delay lines, resonators, etc.
The control is accomplished by varying the constant
electric field applied to the ferroelectric rather than the
magnetizing field. With this approach, the need for
electromagnets, usually used in electrically controlled
spin-wave devices, is eliminated, so that the devices
become smaller and lighter. In addition, such a tuning
mechanism offers high speed and is not power-hungry.

To study layer structures containing ferromagnetic
and ferroelectric films, a spin wave theory including
electromagnetic delay should be elaborated. The mag-
netostatic approximation, which is usually used for
characterizing spin waves, fails when the permittivity
of the magnetic film or the insulating layers in contact
with it is large. The spectrum and the dispersion char-
acteristics of hybrid electromagnetic-spin waves with
regard for electromagnetic delay have been considered
for a number of specific cases [3-9]. For example, in
[3], the theory of surface hybrid waves in afree ferro-
magnetic layer and in aferromagnetic layer metallized
on one sidewas constructed. In [4—6], the hybridization
of surface and backward volume spin waves with elec-
tromagnetic waves was analyzed in ferromagnetic
film—air gap—ferroelectric plate structures. In 7, 8], the
theory of hybrid electromagnetic-spin waves in tangen-
tially magnetized layer structureswas devel oped for the
case when the magneti zation direction and the propaga-
tion direction make an arbitrary angle. In [7], a layer
structure consisting of a ferromagnetic film separated
from two metallic screens on both sides by two insulat-

ing layers was considered; in [8], aferromagnetic layer
metallized on one side was separated from a ferroelec-
tric plate by an air gap. Finaly, in [9], the dispersion
properties of hybrid electromagnetic-spin wavesin tan-
gentially magnetized two-dimensional layer structures
were studied by numerically solving the equations of
electrodynamics. In al the works cited above, the
hybrid wave spectrum was looked for with no regard
for exchange interaction. With such an approximation,
the results obtained in [3-9] cannot be extended for
layer structures with thin ferromagnetic films. It isalso
essential that none of these works considered the opti-
mization of the layer structure geometry for designing
spin-wave structures that are tuned by applying a con-
stant electric field.

The aims of thiswork are as follows.

(1) The construction of ageneral theory of exchange
dipol e electromagneti c-spin waves propagating in arbi-
trarily magnetized layer structures where the ferromag-
netic filmis separated from the metallic screens by four
(two on either side) insulating layers of different per-
mittivity.

(2) The study (within thistheory) of the effect of the
metallic screens on the degree of hybridization between
the dispersion properties of the electromagnetic and
surface spin waves.

(3) The analysis of controllability of the dispersion
properties of the waves by varying the permittivities of
the layers in order to find the optimal geometry of the
layer structures for designing tunable spin-wave
devices.

The geometry of the layer structure is shown in
Fig. 1. It is unbounded in the plane n¢ and has an iso-
tropic ferromagnetic layer of thickness L (hatched),

1063-7842/03/4702-0343%22.00 © 2002 MAIK “Nauka/ Interperiodica’
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Fig. 1. Layer structure geometry. The inset shows the cross
section of the structure.
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permittivity €, and saturation magnetization My. The
ferromagnet is separated from perfectly conducting
metallic screens by four (two on either side) insulating
layers of thicknesses a, b, ¢, and d and respective per-
mittivities €, €,, €., and 4. The origin is placed at the
center of the ferromagnetic film. The § axisis assumed
to be aligned with the direction of wave propagation.
For convenience, we introduce the second coordinate
system XYZ rotated about the system &n¢ so that the Z
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For fixed surface spins, the indices of the matrix ele-
ments are numbered, starting from unity. The expres-
sions for the matrix elements for free and fixed surface
spins are given in the Appendix.

Dispersion relation (1) represents the exact spec-
trum of natural wavesin an arbitrarily magnetized layer
structure with regard for dipole—dipole and exchange
interactions, electrodynamic and exchange boundary
conditions, and electromagnetic delay. Thus, the dis-
persion relation obtained isauniversal tool for studying
the spectrum and the dispersion properties of hybrid
electromagnetic-spin waves that propagate in arbi-
trarily magnetized layer structures. Our theory, taking
into account exchange interaction, enables the analysis
of layer structures incorporating both thin ferromag-
netic films, where exchange interaction plays a major
roleinforming the spin wave spectrum, and thick films,
where it has aminor effect on the dispersion properties
up to very large (“exchange”) values of the wave num-

yX
_All +0 -
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axis coincides with the direction of the permanent mag-
netic field H; and the Y axisliesin the plane of the struc-
ture. The orientation of the two coordinate systemsrel-
ative to each other is specified by the angle ¢ between
the { axis and the projection of the Z axis onto the plane
Z' of the structure and by the angle © between the Z and
Z' axes.

A boundary-value problem for the equations of
magneti zation motion and the compl ete set of the Max-
well equations is solved by using Green’s tensor func-
tion formalism for aplanar-layer structure[10, 11]. Fol-
lowing this method, we first find relations between the
distribution of the variable magnetic field and that of
the variable magnetization across the layer structure,
i.e.,, Green's tensor function of the Maxwell equations
for the structure. Then, the resulting expressions are
substituted into the linearized equation of magnetiza-
tion, which is solved for two limiting exchange bound-
ary conditions: fixed and free surface spins. The solu-
tion yields an implicit dispersion relation that relates
the cyclic frequency w of thewavestotheir longitudinal
wave number k;:

detA(w, k;) = 0. D

The matrix A is a block matrix consisti ng of four
infinite matrices. For free surface spins,

Xy Xy
Ap+w A
o1 AL+
yy 'yy @
=R+ Qo —Ajp
yy yy
A AL+ Q-

bers of the spin waves. Maoreover, the inclusion of elec-
tromagnetic delay in all the layers of the structure
makes it possible to analyze waveguide structures con-
taining both ferromagnetic and ferroelectric layers, as
well as magnetodielectric layers, i.e., layers combining
both ferromagnetic and ferroelectric properties.

Note that the matrix elements involved in (2) are
complicated function of the natural frequency and the
wave number of the hybrid waves. Because of this, dis-
persion relation (1) cannot be solved analytically with-
out invoking numerical methods. In this case, the num-
ber of matrix elements that must be left in (2) depends
on a specific geometry of the structure and on the angle
between the hybrid wave propagation direction and the
magneti zation.

It has been shown [1, 2] that, surface hybrid electro-
magneti c-spin waves propagating at aright angleto the
magnetization (© =0, ¢ =—172) in tangentially magne-
tized insulating substrate-thick ferromagnetic film—fer-
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roelectric layer structures are the most appropriate for
the implementation of microwave electric-field-tuned
spin-wave devices. However, the works cited consid-
ered only layer structures screened on both sides. The
dispersion relation derived in this work gives a chance
to examine the structures of a similar geometry where
the metallic screens are some distance away from the
surfaces of the structure or are completely lacking. In
this case, we can estimate the effect of the screens on
the formation of the hybrid wave spectrum and opti-
mize the geometry of the structurefor the design of tun-
able spin-wave devices. We take, as the starting point,
the geometry for which the best hybridization of spin
and el ectromagnetic waves and the highest controll abil-
ity were obtained: a = b = 300 um, &, = 1630, g, = 14,
L =20 um, and g = 14 [2]. This structure resembles
that consisting of aY G film (layer L) grown on aninsu-
lating GGG substrate (layer b) that isin contact with a
ferroelectric ceramic plate (layer a). Let us assume that
the metallic screens are separated from the ferroelectric
plate and insulating substrate by air gaps (€, = €4 = 1) of
thicknesses ¢ and d, respectively.

Before quantitatively analyzing the effect of the
metallic screens on the surface hybrid wave spectrum,
we will describe its properties on a qualitative basis.
From genera considerations, it is obvious that the
hybrid wave spectrum is a combination of the disper-
sion curves corresponding to fast electromagnetic and
slow spin wavesthat are hybridized in those areas of the
dispersion diagram where their phase velocities
approach each other. Therefore, the formation of the
compl ete spectrum of the waves propagating in a layer
structure should be analyzed in two steps. At the first
step, one considers the spectrum of the purely electro-
magnetic waves, neglecting the magnetic properties of
the layer L; then, at the second stage, the magnetic
properties are added into consideration and the com-
plete spectrum is analyzed.

Following this approach, let us consider first the
effect of the screens on the spectrum of the purely elec-
tromagneti c waves propagating in the above-mentioned
structures. To do this, we will use dispersion relations
that are easy to obtain when deriving Eqg. (1) by elimi-
nating the magnetization variable. For transverse elec-
tric (TE) waves, the dispersion relation has the form

N(w, k;)
— ' 5 = 0, 3
Y (w, k) )
for transverse magnetic (TM) waves,
Y (w, kz)Ny(w, k;) = 0. (4)

The expressions entering into dispersion relations (3)
and (4) are given in the Appendix.

Figure 2 showsthe spectra of the purely el ectromag-
netic waves calculated with relations (3) and (4). They
correspond to three limiting metallizations of the struc-
turewith the parametersa = b = 300 um, £,= 1630, €, =
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Fig. 2. Electromagnetic wave spectra in the dielectric
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ties of the layer L under different metallization conditions.
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Fig. 3. Variation of the cutoff frequency of the TE; mode
with spacing between the screens and the surfaces of the
layer structure.

14, L =20 um, and g, = 14. In Fig. 2a, the waveguide
structure is metallized on both sides (c = d = 0); in
Fig. 2b, only on the side of the ferroelectric layer a (c =
0, d = «); and in Fig. 2c, on the side of the insulating
substrate b (¢ = o, d = 0). The continuous and dashed
linesin Fig. 2 are the dispersion curves for the TE and
TM waves, respectively. The dotted line shows the
boundary of the domain where the continuous spectrum
of the waves exists. To theleft of thisline, the spectrum
is continuous; to theright, it is discrete.

Asfollows from Fig. 2, the absence of either of the
screens considerably modifies the electromagnetic
wave spectrum, the spectra of the TE and TM waves
changing in a different way. For the former, the elimi-
nation of the metal leads to a decrease in the cutoff fre-
guencies of both branches and to an increase in the
group velocities. This is because their fields partially
penetrate into the low-permittivity regions. For the lat-
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ter, the elimination of the metal drastically changes the
form of the dispersion curves, because the electromag-
netic fields of these waves are concentrated in the low-
permittivity regions. It is essential that the curve corre-
sponding to the fundamental mode of the TM waves
shifts to the frequency domain above the cutoff fre-
guency for the fundamental mode of the TE waves
when the metal is removed.

As has been shown [1, 2], the efficiency of control-
ling the dispersion properties of the spin waves by vary-
ing the permittivity of the ferroelectric layer is high
when the dispersion curves for the surface spin waves
propagating normally to the magnetization in atangen-
tially magnetized layer structure and those for the elec-
tromagnetic TE; waves “repel” each other. The control-
lability is the highest when the cutoff frequency of the
TE; mode is near the frequency range of exchangeless
Spin waves.

Figure 3 shows how the cutoff frequency of the TE;
mode varies with distance ¢ between the ferroelectric
surface and the screen in the presence (d = 0) and
absence (d = ) of the metallization on the side of the
insulating substrate (Fig. 2a) and with distance d
between the screen and the insulating substrate in the
presence (¢ = 0) and absence (c = ) of the screen near
the ferroelectric (Fig. 2b). The dotted lines indicate the
frequencies to which the curvestend at d —» o, c =0
or c — oo, d = 0. In the limit case of the absence of
both screens (¢ = o, d = ), the cutoff frequency of the
TE; mode goesto zero. It is seen that the removal of the
screen from the ferroelectric surface affects the TE;
cutoff frequency much stronger than when the screeniis
removed from the insulating substrate. The cutoff fre-
guency changes most significantly when the distanceto
the screenisvaried from 0 to 500 pm. Thus, varying the
spacing between the screens and the surfaces of the
layer structure, all other parameter being the same, one
can vary the cutoff frequency of the TE; mode in wide
limits.

Now we will consider the complete spectrum of the
hybrid waves. The effect of the metallic screens on the
hybridization of the dispersion curves for the electro-
magnetic (TE;) and surface spin waves, as well as on
the efficiency of controlling the dispersion properties of
the spin waves by varying the permittivity of the ferro-
electric, is demonstrated in Fig. 4. This figure refers to
the layer structure witha=b =300 um, ¢, =14, L =
20 um, and g, = 14. Three limit cases of metallization
are considered: c =d =0 (Fig. 49); c=0,d = o
(Fig. 4b); and ¢ = o, d = 0 (Fig. 4c). The continuous
lines show the dispersion curves of the hybrid surface
wavesfor g, = 1630; dashed lines, the dispersion curves
of the hybrid waves for €, = 1000; and dash-and-dot
lines, the dispersion curves of the surface spin waves
that were calculated in the magnetostatic approxima-
tion. The dotted linesindicate the boundaries of thefre-
guency domain where exchangeless surface magneto-

TECHNICAL PHYSICS  Vol. 47

No. 3 2002



THE EFFECT OF METALLIC SCREENS ON THE SPECTRUM

static waves exist: /oy (wy + wy,) isthe lower bound-

ary; wy + 0.5w,, the upper one. The dispersion curves
for the TM modes and the domains of existence of the
continuous spectrum are omitted lest the figure be
encumbered.

Since the cutoff frequency of the TE; mode depends
on the metallization conditions, the permanent mag-
netic field strength H; for each of the cases shown in
Fig. 4 was selected such that the cutoff frequency of the
TE; mode coincided with the lower limit of the domain
where exchangel ess surface magnetostatic waves exist
in a free ferromagnetic film. Therefore, the dispersion
curves in Figs. 4a—4c were calculated for H; = 2078,
1498, and 606 Oe, respectively. Asfollowsfrom Fig. 4,
theremoval of either of the screensweakensthe hybrid-
ization of the dispersion curves for the electromagnetic
and spin waves. Moreover, when the metal is elimi-
nated, the control of the dispersion curves by varying
the permittivity of the ferroelectric becomes difficult. It
is also significant that when the metal is removed from
the insulating substrate (Fig. 4b), the cutoff frequency
of the upper branch of the hybridized dispersion curves
shiftsdownward, resulting in multimode propagationin
the frequency range of hybridization. When the metal is
removed from the ferroelectric (Fig. 4¢), the dispersion
curves become monotonic, which may be of impor-
tance for the practical use of the hybridization effect. In
addition, single-mode propagation in a wide frequency
range istypical of the latter case. However, the control
efficiency hereislower than in the case of double-side
metallization.

On way to improve the control efficiency isto make
the ferroelectric film thinner. This would enhance the
“overlap” between the electromagnetic fields of the TE
waves and the fields of the surface spin waves. By way
of example, Fig. 5 shows the dispersion curves for the
hybrid waves in the layer structure metallized on the
side of the insulating substrate (¢ = o, d = 0) when the
ferroelectric layer is 66 um thick. The other parameters
arethe same as before: b =300 pm, g, = 14, L =20 pm,
g =14,and g, = g, = 1. The magnetizing field strength
isH; = 2078 Oe. Asin Fig. 4, the continuous curves cor-
respond to €, = 1630; dashed curves, to €, = 1000; and
dash-and-dot curves, to the magnetostatic approxima-
tion. As before, the parameters are taken in such away
that the cutoff frequency of the TE; mode coincides
with the lower limit of the domain where exchangel ess

surface magnetostatic waves exist, /W, (wy + Wy).

From Figs. 4aand 5, one can see that the thinning of
the ferroelectric layer in the structure metallized only
on the side of the substrate provides the control effi-
ciency nearly the same as in the structure with double-
side metallization. However, as was noted, the former
case is characterized by the monotonic dispersion
curves and single-mode propagation, which may be of
importance for applications.
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Fig. 4. Effect of the screens on the hybridization efficiency
for the dispersion properties of the electromagnetic and sur-
face spin waves.

From our analysis, some conclusion can be drawn.
The removal of the metallic screens from the surfaces
of the layer (insulating substrate—ferromagnetic film—
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Fig. 5. Partial compensation for weak hybridization in the
layer structure metallized on the side of the insulating sub-
strate by thinning the ferroelectric.

ferroelectric plate) structure markedly weakens the
hybridization of the dispersion curves for the electro-
magnetic and surface spin waves, as well as deterio-
ratesthe efficiency of controlling the dispersion proper-
ties by varying the permittivity of the ferroelectric. At
the sametime, varying the spacing between the metallic
screen and the ferroel ectric surface, one can effectively
alter the cutoff frequency of the TE,; mode of the elec-
tromagnetic waves. Thisfrequency specifiesthe operat-
ing frequency range of microwave devicesthat could be
based on the hybridization effect. Moreover, the
removal of the screen on the side of the ferroelectric
makes the dispersion curves of the hybrid waves mono-
tonic. The degradation of the control efficiency
observed in this case may partially be compensated for
by thinning the ferroelectric layer.

The basic results obtained in this work are as fol-
lows. By jointly solving the complete set of the Max-
well equations and the equation of magnetization
motion with regard for electrodynamic and exchange
boundary conditions, we derived the universal disper-
sion relation, which allows usto calculate the complete
spectrum of waves in tangentially magnetized layer
structures including ferromagnetic and insulating (fer-
roelectric) layers. With this relation, we looked for the
structure geometry optimal for the control of the disper-
sion properties of the hybrid waves by varying the per-
mittivity of the ferroelectric. The structure screened on
both sides has been shown to be optimal in this respect.
That metallized on the side of the ferroelectric also
offers anumber of advantages but the controllability in
this specific caseis poorer.
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APPENDIX

The expressions for the matrix elementsinvolved in
Eq. (1) are as the following:

A% = A oo’ (O) —i (A + AY)
x cos($)sin(©)cos(O)

+ Alnsin’(9)sin’(©) + Al cos’(¢)sin*(©),
AY = A¥ gin(¢)cos(O)
—i(Amm—A%)sin($)cos(9)sin(O),
Alx = Assin($)cos(O)

—i (Al =A%) sin($) cos()sin(),
A = Alncos’(9) + Alsin’(9),
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Frm = —ScSwasinh(y, L)(1-(-1)""™)
+(cosh(y, L) = (—1)")(SuQpa(-1)"" "~ $uQu0).
Fom = SeSwa(cosh(y, L) = (-1)")(1+ (-1)""")

+ 8NN (Y, L) (SeQua(—1)"" ™+ S$4Qu).

= QuQu(cosh(y, L) —(-1)") (1 +(-1)""")

+ 5NN (YL L) (SeQua + SaQue(-1)"" ™,

5 _
an_

2 Qua(cosh(y L) = (=1)")(1+ (-1)""")

+ sinh(y, L) (SeQpa+ SQa(-1)"""),
= SeSha(cosh(y, L) = (=1)")(1+(-1)""")
+sinh(y L) (SeQua(-1)"" "+ SQx),

N = sinh(y, L) (SySk + QacQba)
+ cosh (Y L) (SxQud + ShiQx):
N = sinh(y, L)(SiSk + QxQba)
+ cosh(y, L)(SeQus + SaQx).

Yo

Sy = 1+Vtmh(ydd)tmh(ybb)
S = 1+§—atanh(vcc>tanh(vaa)
Qu = y—tanh(vdd) w0 L tann(ysb).
Qu = Ltanh(y,c) + Ltanh(y.a),

Ye Ya
=1+ “\y/dtanhwdd)tanh(vbb)
a¥Yb
S =1+ a§°tanh<vcc)tanh(vaa)
Qh = Vtanh(y,d) + ~Lotann(y,b),
dYL EpYL
y - Lyc Lya
. = —tanh(y.c) + —tanh(y,a
QL = (tanh(y.0) + Ttann(y.a),
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Qe = wy + (*)Ma(kz +Kp),
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where |g| =
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nTt

Kn = T Wy = [glHoHi, Wy = [glHeMo,

2 _ 2 2 _ 2 2
kOa = W &€ Ya kl _kOal

kgb = wzsollosbv Yo = k?—kéb,
kgc = wzsolioecv Vi = kf—kﬁc,
k(2)d = wzsollosw Vﬁ = kﬁ—kéda
kgL = wzsouoeu VE = kg—kgp

1.76 x 10" C/kg is the gyromagnetic ratio

for the electron spin and aisthe constant of nonuniform
exchange interaction.

In the expressions for A%, AL A% Al - ann

R and R, the upper and lower rowsin the braces

stand for the boundary conditions on the ferromagnet
surface that correspond to free and fixed surface spins,
respectively.

1

2.

3.

10.
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Abstract—An intense low-energy (15-20 keV) proton beam is focused in two stages: ballistic focusing isfol-
lowed by magnetic compression. The beam is formed by an MAIS wide-aperture source, in which aplasmais
generated by many discharge elements via a discharge over the polyethylene surface. In the presence of an
external magnetic field, the beam turns out to be overneutralized by electrons coming from the cathode grids of
the source and from the target. The maximal focusing efficiency (>70%) is observed within 10 us after the pulse
has been applied if the target is negatively biased. The degree of beam compression in terms of cross-sectional
areais 1.6 x 10%. The numerical simulation of the focusing agreeswell with the results of measurement. © 2002

MAIK “ Nauka/Interperiodica” .

INTRODUCTION

Intense pulsed low-energy proton beams of power
density up to 10 MW/cm? are used for studying the
behavior of materials of the first wall and divertor of a
fusion reactor under anomal ous modes of its operation.
The necessary parameters of the beam are as follows:
proton energy 10-30 keV, pulse duration =10 ps, and
power density up to 10 MW/cm? (the respective current
density 0.3-1.0 kA/cm?). For alinear size of test sam-
ples of =1 cm, the total beam current must be =1 kA.

The scheme for the formation of aproton beam with
the desired parameters has been considered in [1]. It
includes two stages. The first one is the generation of
the beam with a current density of =0.1 kA/cm? and a
cross-sectional area of ~10* cm?. The second one is
beam focusing. The beam is first focused ballistically
and then magnetically compressed over a length of
=1.5m in a longitudinal magnetic field increasing in
the direction of beam propagation. The injection of the
beam into the growing magnetic field is necessary not
only for focusing but also for studying the erosion of
the materials under typical operating conditions of the
reactor, where the magnetic induction may beashigh as
5T. Thefeasibility of such an experimental schemewas
tested with the PROFA installation [2]. Its dimensions
allow the simulation of the beam-forming procedure for
a beam with a diameter of =0.44 m in the emission
region and for afocusing channel length of 1.2 m. Pro-
ton beamswith alarge cross-sectional areawere gener-
ated with the special source. Its design and the parame-
ters of the beams generated have been described in [3].
In this work, we analyze experimental data for proton
beam focusing.

PROFA INSTALLATION

The schematic diagram of the experimental setup is
shown in Fig. 1. It consists of a plasma source of ions,
two cathode grids, the region of balistic focusing, the
region of magnetic compression, and a target chamber.
The regions of ballistic focusing and magnetic com-
pression are 0.6 mlong. The magnetic field inductionis
2 x 102 T in the emission region; 0.4 T at the ballistic
focus, and 4.5 T at the target. The axial magnetic field
distribution in the setup is demonstrated in Fig. 1. The
flat part of voltage pulses from the high-voltage gener-
ator was about 30 us long, and their amplitude was no
higher than 30 kV. The potential s of thefirst and second
cathode grids were, respectively, -1 kV and —
100...—300 V. At such potentials, the beam current did
not oscillate, so that the space charge of the beam was
neutralized most efficiently. The residual gas pressure
was 5 x 10-° torr.

In the experiments, the accelerating voltage was
determined with a voltage divider. The discharge cur-
rent of the ion source, the current to the cathode grids,
that to the focusing channel wall, and the ion current,
all were measured with Rogowski loops. Finaly, the
ion current to the target was determined with a three-
electrode probe (ThEP) consisted of an outer grounded
electrode, a control electrode, and a Faraday cup. Both
electrodes are cylindrical, and their entry apertures are
covered by grids. The control electrode and the Faraday
cup are biased. This sensor not only measures the ion
current but also provides some information on the
energy and concentration of electrons neutralizing the
space charge of the beam while moving together with
the ions. The method for gaining such information is
based on taking the collector current vs. second-grid
potential dependence (for details, see [4, 5]). The cur-
rent density near the target was measured by a movable

1063-7842/03/4702-0350$22.00 © 2002 MAIK “Nauka/ Interperiodica’



FOCUSING OF AN INTENSE NEUTRALIZED PROTON BEAM

Oscillator

351

0 2 4 68BT

0 002004 B, T

Oscillator
Usi

Uwp
Cupi l
Oscillator <&— -l- Cep
BFP —-----{--—--—-"T9J-&-[ff-—-—-——-—--—------
Ryp []
| I
Oscillator Oscillator
14F
Cog Z m
Oscillat
scillator Uos

Fig. 1. Schematic diagram of the PROFA installation. BFP, ballistic focus plane; MFC, magnetic focusing coils, WP, wire probe;

and CP, capacitive probe.

ThEP with an aperture diameter of 1 mm; the energy
density distribution, by movable minicalorimeters. The
current density at the entry to the focusing channel was
determined with a ThEP moving over the second cath-
ode grid at adistance of 7 cm from it. The current den-
sity distribution near the ballistic focus was taken with
amovable ThEP and a so with a sensor made up of cir-
cular electrodes placed behind the grid (the grid is
under a negative potential to arrest secondary elec-
trons). The potential of the focusing region was mea-
sured with a capacitive transducer. The dynamics of the
gpace charge in the focusing channel was traced with
capacitive and wire probes.

EXPERIMENTAL RESULTS
Beam Focusing without External Magnetic Field

Figure 2 shows the distribution of the ion current
density measured with the ThEP moving over the sec-
ond cathode grid. The center of ThEP angular displace-
ment was coincident with the center of curvature of the
grid, and the angular position 3 of the sensor was reck-
oned from the axis of the system. The data were
obtained at an accelerating voltage U, = 20 kV and a
total ion current of 58 A. Curve 2 was constructed using
the modified ion source, where an extra grid of trans-

TECHNICAL PHYSICS  Vol. 47

No. 3 2002

parency 35% are placed between the discharge elec-
trode and the main grid. Dotted curve 3 corresponds to
the Child—Langmuir law for U = 20 kV and an acceler-
ating gap (between the anode and the first cathode grid)
of 1.5 cm. Some decline at the edges is due to the non-
ideality of the grid geometry.

It is obvious that the extra grid considerably
improves the ion beam. Unfortunately, the ion current
markedly decreases in this case. We will be interested
largely in the high-current mode of ion source opera-
tion (curve 1). It is seen that the current density distri-
bution at the entry to the focusing channel hasthe Gaus-
sian shape. In the central part, the current density
exceeds the Child-Langmuir values presumably
because the plasma penetratesinto the accel erating gap.

Figure 3 shows the current density distribution over
the cross section of the ballistic crossover. The data
were taken with the ThEP under the same conditions as
curve linFig. 2.

Signals from the capacitive probe 40 cm distant
from the anode grid and offset from the beam axis by
4 cm are depicted in Fig. 4. The steady-state distribu-
tion of the space charge in the beam is set roughly
within 3 ps. The beam is underneutralized, the residual
potential being about 100 V. At the edges of the trans-
porting channel, the potential is negative. Thus, in the
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Fig. 2. Current density distribution at the exit from the
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Fig. 3. Current density distribution in the ballistic focus
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Fig. 4. Waveforms of the signals from the capacitive, Ucp,
and wire, Uyyp, probesin the presence (continuous curves)
and absence (dashed curves) of the magnetic field.

absence of an external magnetic field, the radial poten-
tial distribution indicates the conventional distribution
of the space charge in the focusing channel: an under-
neutralized ion flow surrounded by an “electron coat.”

Electrons that neutralize the space charge of theion
beam are due to el ectron-ion emission from the cathode
grids and focusing channel walls. From the waveforms
of the current to the cathode grids, one can estimate the
coefficients of electron-ion emission for the first and
second grids at v, =1.4 and v, = 1.7, respectively. The
electron temperature evaluated from the |-V character-
istic of the ThEP is 20 eV.

Beam Focusing with an External Magnetic Field

The application of a magnetic field improves the
beam focusing in the ballistic area. It follows from
Fig. 3, where the current density distributions with and
without the field are shown.

The signals from the capacitive and wire probes
demonstrate the behavior of the space charge in the
focusing channel (Fig. 4). The steady-state distribution
is set within 3 or 4 ps. Within this time interval, the
electrons are accumulated in the focusing channel, as
indicated by the signals from the wire probe. In the
steady state, the beam is overneutralized, the potential
in the transporting channed being approximately —200 V.
Information of the space charge evolution can aso be
gained from the current to the focusing channel wall,
whose waveform is shown in Fig. 5. Once the steady-
state potential has been established in the focusing
channel, this current is negative, indicating the motion
of the electrons across the magnetic field. In the pres-
ence of the field, the space charge of the beam is neu-
tralized by secondary electrons emitted from the cath-
ode grids. From the grid current waveforms, v, = 1.4
and v, = 1.6. The electron current from the cathode
grids exceeds the ion current injected into the focusing
channel. The electron temperature equals 100 eV.

The evolution of the space charge and the efficiency
of ion beam focusing considerably depend on the target
potential. This follows from Figs. 5 and 6, where the
time dependences of the current to the focusing channel
wall and of the beam focusing efficiency (the ratio
between the current to the target and the total beam cur-
rent) are shown for various target potentials. Two types
of the targets were used: a planar aluminum disk of
diameter 3 cm and a two-€electrode probe (TWEP) with
agrounded collector and agrid to which anegative bias
is applied (the same as is applied to the planar target).

The disadvantage of theformer target isthat the cur-
rent being measured may be affected by electron-ion
emission if the negative target potential is sufficiently
high. To estimate this effect, we used a TWEP as a tar-
get. The results are given in Fig. 6. The difference
between the measurements with the TWEP and the pla-
nar target is observed only in the initia part of the
pulse. Thus, it can be concluded that the secondary
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electron emission from the target affects the process of
space charge neutralization and the current to the target
only within 56 ps. Subsequently, the electrons are
delivered to the focusing channel primarily by the cath-
ode grids.

The focusing efficiency isthe lowest at positive tar-
get potentials. Thisfact isobvious, since the beam elec-
trons are directed to the target in this case and the space
charge neutralization becomes difficult. With the target
grounded, this effect also takes place, but to a lesser
extent compared with the case of a positive target
potential. As was noted, under positive target poten-
tials, the beam turns out to be overneutralized. The
maximal efficiency of beam transport, 20%, is achieved
within 7-8 ps after the pulse has been applied.

The beam focusing efficiency is the highest when
the target potential is negative and equals or exceeds
that of the second cathode grid. The maximal effi-
ciency, 70%, is achieved within 10 s after the applica-
tion of the pulse. Clearly, the accumulation of the elec-
tronsin the focusing region proceeds faster in this case,
since the target itself contributes to the accumulation
process rather than extracts the electrons from the
beam. Specifically, this follows from the waveform of
the current to the focusing channel wall: at a negative
target potential, this current becomes negative 2 ps
early and has alarger value.

The focusing efficiency was also measured by the
calorimetric method (Fig. 6). Here, the curves correlate
well with the data obtained by integrating the wave-
forms of the beam current and accelerating voltage.
This also indicates the reliability of the focusing effi-
ciency measurements.

The energy profile of the ion beam constructed with
an array of minicalorimetersis depicted in Fig. 7. The
total diameter of the beam is 30 mm; the FWHM,
11 mm.

ANALYSIS OF THE MEASUREMENTS

The measurements were analyzed by numerical
simulation. The goal wasto elaborate a physical model
of beam focusing that provides the best fit to experi-
mental data. We considered several models differing in
ways of space charge neutralization computation. The
model of choiceisasfollows.

Electrons neutralizing the positive charge of theion
beam are generated by secondary ion—electron emis-
sion from the cathode grids and the target. If the grid
and target potentials are the same, the resulting elec-
trons oscillate along the magnetic field lines, providing
their equipotentiality. The electrons leave the space
occupied by the ion beam, diffusing across the mag-
netic field. Equating the rates of electron generation
and electron diffusion to each other, one can find the
electron concentration distribution and, hence, the
degree of beam overneutralization. In [6], the problem
of transporting an overneutralized ion beam in a uni-

TECHNICAL PHYSICS  Vol. 47

No. 3 2002

I, A
20
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form magnetic field was considered for the uniform dis-
tribution of the ion current density over the cross sec-
tion and the uniform transverse velocities of theions. In
our case, theion beam has a spread in transverse veloc-
ities and propagates in the converging magnetic field.
Thus, numerical simulation is necessary.

At the beginning of the pulse, the electrons are accu-
mulated in the beam until the electric field changes the
sign and the e ectrons leave the beam. This time inter-
val is estimated from the formula

t = L a,a;
CV(1-ag)av + (1-ay)av,’

(D

where L is the beam length; v, and v, are the coeffi-
cients of electron-ion emission from the first and sec-
ond cathode grids, respectively; a, and a, arethetrans-
parencies of the grids, and V, is the longitudinal ion
velocity. Forv,; =14,v,=16,0,=0.8,0,=09,L =
1.2m, and V, = 2 x 10° m/s, we have t, = 1 ps. Thisis
consistent with the experimentally found value.

The accumulation of the electrons ceases when the
rate with which the electrons enter into the beam
becomes equal to the rate of their diffusion across the
magnetic field in the presence of the electric field; i.e.,

L

e
v, = —IDpe%(—_I_EErZHrdZ, (2
0

wherev = (1 —aj)av; + (1 —ay)a,v, + a0,V isthe
effective (combined) coefficient of electron—on emis-
sion from the cathode grids and the target (v; is the
coefficient of electron-ion emission from the nega-
tively biased target), |; istheion beam current, D isthe
diffusion coefficient, p. is the electron space charge
density, KT, is the thermal energy of the electrons, eis
the charge of an electron, E, isthe radial component of
the electric field, and r is the current value of the beam
radius.

If the space charge density distribution in the beam
is uniform, the electric field strength in terms of the
space charge density is given by

1
Er - Z_S()(pi_pe)r! (3)

where g, is the permittivity of free space and p; is the
ion space charge density. The Bohm coefficient of elec-
tron diffusion across the magnetic field is expressed as
_ 1KkT.
" 16eB’ “)
where B is the current value of magnetic induction.
Assuming that theratio p/p; does not depend on the

radius, we introduce the coefficient of ion beam neu-
tralization

Ke = 1-ppi = 1-Q./Q;, ©)

ENGELKO et al.

where Q. and Q; are the absolute values of the electron
and ion charges per unit length.

If the beam is underneutralized (overneutralized),
ki >0 (<0).

Note also that in a converging magnetic field,
By = Br?, (6)

where B, and r, are the magnetic induction and the
beam radius in the emission region.
Substituting (3)—(6) into (2) yields

L

'k kyl7L
vl; = —I ———dz = . (7
2 16118V, Byl 161&,V;,Byrg
Then, for the neutralization coefficient, we have
V2B,
K, = _1680\}__2'__0[2_0. 6)

For the specified parameters of the PROFA installa
tion, ky =—0.004.

Formula (8) for the neutraization coefficient has
been obtained under the assumption that the charge
density is uniformly distributed over the beam cross
section. Actually, the distribution of the current density
and the charge is nonuniform, which would have to
change the potential drop in the beam. However,
because of the equipotentiality of the magnetic field
lines, the potentia drop in the beam is retained:

o,
- r —
AU = I . dr I
0 0

where R, and R are the initial and current values of the
beam envelope.

For this condition to be fulfilled, the neutralization
coefficient must vary as

“Qu(ro)

Jo

Kei = keiOOR )
Qir(r)dr

I

0

where kyo istheinitial value of the neutralization coef-
ficient. The variation required is provided by properly
moving the electrons along the magnetic field lines.

Inthe presence of amagnetic field, aset of equations
that describes the transport of an overneutralized ion
beam has the form

Qro)

dr, = AU,, 9)
lo

(10)

2 1
o= E_'_EVOBZ_!-E”.VOBZ_'_ e

rv: M o2 V: o MV?

E, (11)
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eB r’B r
V@“ﬂﬁ{l—ﬁzﬂ+vm°, (12)
1-V2/IV?2
v, = v, [F=YelYo (13)

1+r
_ 1 Q@)
E = S (14)
r
(15)

Q(r) = keiIqudr.
0

Here, ry and r are the initial and current radial coordi-
nates; V, Vg, and V, are the total, azimuth, and longi-
tudinal ion velocities; Vg, is the initial azimuth ion
velocity; B, is the magnetic field induction B, at the
emitter; and Q(r) is the charge per unit beam length
enclosed by acylinder of radiusr.

The simulation used the method of tubes of current.
The partition into the tubes was performed along the
radial coordinate with regard for the emission current
density distribution found, as well over the radial and
azimuth velocities with appropriate weighting coeffi-
cients. Theinitial form of the distribution function was
assumed to be Maxwellian:

2

MV?
M 2 2T
(Vi) = gy &P (16)

I
oM 2 EE
fo(Vo) = Grqgny &P (17)
I

where M and V, are the ion mass and the ion radial
velocity, respectively, and KT; is the thermal energy of
ions.

In the numerical simulation, it is convenient to
replace the distribution function over the radial and azi-
muth velocities by those over the radial, a,, and azi-
muth, ag, angles:

_ Vi _ Vo
tana, = v tanag = V. (18)

The angle q, is reckoned from the norma to the
plasmasurface. Then, in terms of relative units, the dis-
tribution function over the radial angles can be written
as

__ten’q, 2

flo,) = exp o (19)
__tan’ag 2

flag) = exp e (20)

where a,wum 1S the angle corresponding to f = 1/2.
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Aswas hoted, the partition into tubes of current was
performed over both a, and ag. The function Q(r) was
recalculated at each of the integration steps with the
relationship

N
Q) = ke 3 (21)

where |, is the current in the tubes with a mean radius
smaller thanr at agiven step and V,, isthe particle lon-
gitudinal velocity corresponding to the nth tube of cur-
rent.

To find the true degree of charge neutralization and
theinitial distribution of the ions over the radial veloc-
ities, we calculated the radia distribution of the current
density near the ballistic crossover without a magnetic
field, varying the degree of charge neutralization kg and
theion temperature T;. In addition, we took into consid-
eration the actual geometry of the emission region
boundary, which was found by equating the emission
current density to the current density obtained from the
Child-Langmuir law. The calculations were compared
with the measurements. The best agreement was
observed for kg =5 x 10~ and oy = 36.7 mrad. The
ion temperature,

2
tan o ywhm

T, = eU, in2

equals 40 eV. The potential well in the beam,

R
ko QN

41t r
0

AU =

calculated from known kg agrees well with the value
measured. Using the ion distribution over the radial
velocities, we simulated the passage of the beam to the
target in the presence of amagnetic field. Sinceformula
(8) is an estimator, the neutralization coefficient was
varied in wide limits. The initial value of dyy Was
taken to be equal to 36.7 mrad. Eventually, we found
the fraction of the current that reaches the target vs.
neutralization coefficient kyy (Fig. 8). From this curve,
it follows that the maximal current reaching the target,
about 53% of the total current, is observed for ky =
-0.00075. This value is lower than that found experi-
mentally. The point is that the particles whose longitu-
dinal velocity was below 25% of thetotal velocity, were
omitted from the consideration, although some of them
still could reach the target after multiple oscillations
along the beam. Figure 7 shows the energy density dis-
tribution along the beam radius at the target. It is seen
that the simulation and the experiment are in good
agreement.
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Fig. 8. Fraction of the current reaching the target vs. neu-
tralization coefficient.

CONCLUSION

The focusing of an intense proton beam involves
two stages: ballistic focusing and magnetic compres-
sion. The basic parameters of the beam (angular diver-
gence, aswell asthe current density distributions at the
entry to the focusing channel, near the ballistic cross-
over, and at the target) were studied. Data for the space
charge evolution in the focusing channel were obtained,
and the degree of space charge neutralization with and
without an external magnetic field is determined.

The neutralization of the space charge of the beam
is associated with secondary electrons emitted from the
cathode grids and the target. In the absence of the mag-
netic field, the beam is underneutralized, the degree of
underneutralization being 5 x 10™. In the presence of
the magnetic field, the beam is overneutralized, the
degree of overneutralization being (1-4) x 103, The
focusing isthe most efficient when the target is under a
negative potential equal to or exceeding that of the sec-
ond cathode grid. In this case, the maximal fraction of
the current reaching the target, 70%, is observed within

ENGELKO et al.

10 ps after the pulse has been applied. For thistime, the
quasi-steady-state distribution of the space charge in
the focusing channel sets up. The beam diameter onthe
target that was estimated from the FWHM of the energy
density distribution in the beam is 11 mm. Thus, the
coefficient of beam compression in terms of cross-sec-
tional areais 1.6 x 10%, which agrees with the results of
simulation.

The numerical simulation of beam focusing was
performed. Comparing its results with the measure-
ments, we found the initial angular distribution of the
ions, their temperature, and the degree of neutralization
of the beam. The focusing efficiency and theradia dis-
tribution of the current density found by calculation are
consistent with the measurements. This means that our
computer model can be applied to designing installa-
tions similar to the PROFA.

In general, our experiments and simulation imply
that the scheme for ion beam focusing reported in [1]
offers a high efficiency.
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Abstract—The generation of electron beams in high-aspect-ratio magnetron guns with cold metallic second-
ary-emission small-diameter cathodesis discussed. The parameters of the beams as functions of the electric and
magnetic fields are studied for various ways of generating voltage pulses needed for the secondary emission
multiplication of the electrons and the beam generation. © 2002 MAIK “ Nauka/Interperiodica” .

INTRODUCTION

Interest in magnetron guns with cold metallic cath-
odes operating in the secondary emission mode[1-8] is
dictated by their advantages over other electron guns,
such as long service time, high current density, smple
design, etc. Therefore, they are promising for electron
sources in accelerators and high-power reliable micro-
wave devices [2, 9-11]. In these guns, the back bom-
bardment of the cathode by primary electrons is
employed. The bombardment causes the secondary
emission multiplication of the electrons and produces
an electron cloud from which an electron beam is
formed [1-4, 8] in crossed electric and magnetic fields.
This work studies the generation of the beams in mag-
netron guns with cold secondary-emission small-diam-
eter (2-5 mm) cathodes.

EXPERIMENTAL SETUP
AND TECHNIQUES

The generation of electron beams in magnetron
guns with cold secondary emission cathodes was stud-
ied with a setup depicted in Fig. 1. Negative pulses
(amplitude 4-100 kV, duration 4-10 ps, and repetition
rate 50 Hz) from modulator 1 are applied to cathode 5
of the gun. Its anode 6 is grounded through the resistor
R; and is connected to pulse generator 2. Two cases of
the secondary emission multiplication of electrons
were used. In the former case, the multiplication of the
electrons was accomplished during the trailing edge of
the specially shaped voltage pulse from modulator 1; in
the latter, during the trailing edge of the voltage pulse
from generator 2.

The magnetron gun with 2-mm-diam. copper cath-
ode and the 120-mm-long anode made of copper or
stainless steel was placed in vacuum chamber 3, evacu-
ated to a pressure of <107 torr.

The magnetic field for generating and transporting
the beam was produced by solenoid 4, consisting of
four separately fed sections with a total length of
550 mm. Such a configuration allows the spatial varia-
tion of the magnetic field amplitude and distribution.
The beam was transported by a distance of 80—160 mm
from the anode plane to the Faraday cup.

The beam current was measured with Faraday cup 7,
made in the form of a coax, and theresistor R, = 12 Q
(the resistor value equals the wave impedance of the
coax); the cathode voltage, with the voltage divider
R,—R,; and the size of the beam, from its image on an
X-ray film and on amolybdenum foil both placed at the
end face of the coax.

RESULTS AND DISCUSSION
Beam Generation in Magnetron Guns

It has been shown [6, 8] that a magnetron gun with
secondary emission cathodes forms a tubular electron
beam with itsinner diameter roughly equal to the diam-
eter of the cathode. The thickness of the beam wall is
usualy 1.5-2.0 mm. We studied the process of beam
generation and measured the beam parameters in the
guns with cathode diameters of 2 and 5 mm and with
anode diameters of 10, 22, 50, and 78 mm. The aspect
ratio Ry/r. (theratio of theradius of the anode R, to that

Fig. 1. Experimental setup.
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Fig. 2. Beam current and cathode voltage waveforms.

of the cathode r.) was thus varied between 5 and 39.
This range of the aspect ratio has not been considered
in detail.

The interelectrode electric field needed for beam
generation in the magnetron gun must have an over-
shoot, followed by a region where it is constant. The
overshoot provides the secondary emission multiplica-
tion and the formation of the electron cloud around the
cathode; in the constant field region, the secondary
emission process becomes steady and the beam is gen-
erated [1, 3, 8]. The stegpness and the duration of the
overshoot define the beam generation stability and the
stability of the formation of the beam current pulse
front. The steepness providing the secondary emission
multiplication must exceed 20-30 kV/us[1, 8]. Subse-
guently, thetop of the pulseflattens and the steady stage
of the beam generation setsin. A ripple at the flat part
of the top may either cause or, conversely, suppress the
modulation of the beam current pulse. In addition, the
ripple may lead to the generation of several electron
bunches per voltage pulse [8] and also specifies the
allowable energy spread in the electron beam. There-
fore, when carrying out the experiments, we paid much
attention to obtaining the desired time dependence of
the voltage between the anode and the cathode. The
desired field was provided by generating a specialy
shaped voltage pulse (which had a short overshoot and
the long flat part) at the cathode or by simultaneously

Table

d, mm D, mm U, kv I,A H, Oe
2 50 40-55 0.8 800-1200
2 50 40-55 7 2500
2 78 40-55 1.0 700-1200
5 50 45-55 0.5 1150
5 50 45-55 1.0 1300
5 50 45-55 10 2200
5 78 26 0.5 350
5 78 26 3 1100

AIZATSKII et al.

applying specially shaped field-forming voltage pulses
to both electrodes.

The Formation of the Desired Time Dependence
of the Field

The first approach is to generate a cathode voltage
pulse with an overshoot. In a modulator where the
pulse-forming line (PFL) is completely discharged,
such apulse (having an overshoot and the flat part) can
be generated with the tuning capacitor C (Fig. 1), con-
nected paralléel to the beam-forming line [12]. One can
control the overshoot by varying the value of C. Inthis
case, generator 2 is switched off. The PFL had a wave
impedance of 40 Q, and the FWHM of the pulse was
4.5 ps. Without the tuning capacitor, the modulator
voltage pulse had an overshoot whose amplitude was
=25% of that of the flat part of the pulse, which turned
out to be insufficient for the beam generation. With the
tuning capacitor C = 7.5 nF connected, the overshoot
increased to 50% of the flat part amplitude, and for C =
15 nF, the overshoot was as high as 80%. The respective
steepnesses were 25 and 40 kV/us, and the overshoot
decay timewasfound to be 0.6 ps. Such conditions pro-
vided the secondary emission multiplication and beam
generation. The modification of this approach is the
application of two voltage pulses to the common load
(cathode). Thefirst isalong flat-top pulse and the other,
a short fast-decaying pulse. In this way, we obtain a
voltage pulse with the shape close to that described
above.

Figure 2 shows typical waveforms of the voltage
pulse U at the cathode and of the beam current | at the
Faraday cup that were generated with the PFL
described above. The diameters of the anode and the
cathode were 2 and 50 mm, respectively. For the ampli-
tude of the flat part =32 kV, the beam current was 0.6 A
(at amagnetic field of =800 Oe) and the steepness was
>40 kV/ps. It is seen that the secondary emission mul-
tiplication starts when the voltage overshoots decays,
whiletheflat part of the pulse correspondsto the steady
stage of the beam generation. As follows from the
waveforms, the energy of most electrons in the
descending branch of the pulse exceeds their energy at
the steady stage of the beam generation. This extends
the energy spectrum of the beam. To diminish the
spread in the particle energy and cut the rise time of the
current pulse, it is necessary to cut the decay time and
increase the decay steepness. This can be done with
another PFL.

The second approach to obtaining the desired time
dependence of the electric field in the anode-cathode
gap is to apply two pulses. The first is a long flat-top
pulse applied to the cathode, and the second one is a
short fast-decaying pulse applied to the cathode [6].
The long flat-top voltage pulse from modulator 1 (with
the capacitor C disconnected) is applied to the cathode
of thegun. Then, generator 2 isconnected to theresistor
R; and the short fast-decaying pulse is applied to the
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anode with some time delay. In the anode—cathode gap,
these pul ses provide the time dependence of the electric
field that is necessary for the beam generation. Note
that the separation of pulse application circuits allows
the use of a wideband transmission line to apply the
pulse from generator 2 to the anode. The decay time of
the anode pulse may attain several nanoseconds; its
steepness, =1000 kV/us. These values provide the sec-
ondary emission multiplication and the synchroniza-
tion of the beam current pul ses.

Beam Parameters

We studied the parameters of the beams generated
by both approaches. It was found that the beam current
amplitude at the Faraday cup has a threshold depen-
dence on the decay steepness and does not depend on
the approach to secondary emission excitation. Figure 3
demonstrates the beam current (current at the Faraday
cup) vs. cathode voltage for the anode diameters men-
tioned above. It isseen that the data pointsfit the Child—
Langmuir law. For each of the data points, the magnetic
field was evaluated from the maximal value of the beam
current. For example, for the cathode diameter 2 mm,
the anode diameter 50 mm, and the cathode voltage
amplitude 50 kV, the beam current wasfound to be 7 A.
This corresponds to the peak power 350 kW and the
microperveance =0.6. The magnetic field strength in
this case is 2900 Oe.

We also studied the generation of electron beamsin
magnetron guns with cathode diameters of 2 and 5 mm
and anode diameters of 50 and 78 mm in various mag-
netic fields. For the cathode diameter 2 mm, the ampli-
tude of the flat part 40-55 kV, and moderate magnetic
fields (70-1200 Oe), the electron beams generated had
acurrent ranging from 0.5 to 1.5 A (the cutoff field in
this case is between =600 and =400 Oe). The outer
diameter of the beam was =15 mm. As the magnetic
field grows to 2500-3000 Oe, the beam current
increasesto 57 A. In this case, the beam had inner and
outer diameters of 2 and 4 mm, respectively, a a dis-
tance of 130 mm from the anode plane for cathode and
anode diameters of 2 and 50 mm. Similar results were
obtai ned when the cathode diameter was 5 mm with the
same anode diameters.

In another series of the experiments, the electron
energy was 60 keV and the beam current, 10 A. The
outer diameter of the beam was 5 mm. Asfollowsfrom
the simulation, for an energy spread in the beam from 0
to 20%, the diameter increases by no more than 20%
when the beam is transported in a decaying magnetic
field by a distance of 150 mm. This is consistent with
the experimental data. Thetableliststhe current | at the
Faraday cup, cathode voltage U, and magnetic field
strength H.

Asfollows from the aforesaid, the Larmor radius of
the electrons is relatively large in low magnetic fields;
yet, the electrons gain the energy sufficient for the sec-
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Fig. 3. Beam current vs. cathode voltage for the anode
diameter (1) 10, (2) 22, and (3) 50 mm. The cathode diam-
eter is2 mm.
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Fig. 4. Beam microperveance vs. anode diameter: (1) simu-
lation and (2) experiment.

ondary emission multiplication and beam generation.
The electronic layer occupies a considerable part of the
interel ectrode space near the cathode in the transverse
direction. The potentia dip in the interelectrode gap,
which is associated with the space charge of the elec-
tronic layer, provides the secondary emission multipli-
cation and beam generation at the steady stage of the
gun operation. At high magnetic fields, the Larmor
radius decreases and the electronic layer near the cath-
ode considerably shrinks in the transverse direction. In
this case, the potential dip is larger and the electrons
can gain the energy sufficient for the secondary emis-
sion multiplication to take place within a shorter dis-
tance. Also, under high magnetic fields, the space
charge of the electronic layer grows; hence, the beam
current increases. It appears that the high-aspect-ratio
guns have a wide beam generation region (or severa
narrower regions), the transverse size of which (and
also the beam current) varies with the magnetic field.

In Fig. 4, the microperveance of the beam formed in
the magnetron gun with a cathode diameter of 2 mm is
plotted against the anode diameter. The microper-
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veanceis seen to vary within wide limits, and the curve
iswell described by the perveance vs. anode diameter
dependence in the form 1/(R, —r.). The point isthat in
an extended cylindrical diode with the constant-biased
cathode and a high aspect ratio (R/r. > 5), the electron
current is inversely proportional to the anode radius
(see, eg., [13]). Inthis case, the current at the Faraday
cup isgoverned by two factors. Thefirst oneisthe elec-
tron density in theinterelectrode space al ong the axis of
the gun. It depends on the electric field strength at the
cathode and on the anode radius. The other factor isthe
effect of the anode output, which serves as an electro-
static lens extracting the beam from the gun. If the cath-
ode voltage is constant, this factor depends on the
anode diameter only dlightly, because the edge electric
field near the axis has a large longitudinal component
and the electrons gain a considerable energy before
they reach the anode end, where the transverse compo-
nent of the field is large. Therefore, the current ampli-
tude at the Faraday cup will depend only on the electron
concentration in the anode—cathode gap, which, in its
turn, depends on the anode radius (Fig. 4).

CONCLUSION

Our study shows that the processes of secondary
emission multiplication and beam generation can be
triggered by various pulse-formation techniques. It is
demonstrated that high-aspect-ratio magnetron guns
have a wide magnetic field zone where the beams are
generated. Electron beams with an outer radius of
=4 mm and a particle energy of 5-60 keV are obtained
for amagnetic field strength of =2500 Oe.

=

N

10.

11

12.

13.
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Abstract—Rel ations between the coefficients of the expansions of external potentialsin spherical and spheroi-
dal functionsfor finite bodies are derived. These formulas have amore compact and convenient form than those
obtained by other authors. © 2002 MAIK “ Nauka/Interperiodica” .

INTRODUCTION

Nowadays, the issue of relating various expansions
of harmonic functions is topical for many electrostatic
problems, in particular, for calculating the capacitive
characteristics of systems of bodies. Similar challenges
are encountered in studies of electromagnetic and
acoustic waves propagating in the presence of obstacles
with characteristic sizes much less than the wavel ength.

From the mathematical standpoint, the same issue
arises as applied to the mation of artificial celestial bod-
ies. For functions that are harmonic in the outer space,
the transition from the expansion in spheroidal func-
tions to that in ordinary spherical harmonics (and vice
versa) has apparently first been derived in [1] but in the
rather awkward form. In classical books [2—4], these
expansions are used separately without specifying rela-
tions between them.

The compact formulas have been given in [5] with-
out derivation. They are aso quoted in [6]. However,
we will show that one of these formulas is incorrect,
although the correct formula has a similar structure.
One of the relationsis aso presented in [7] but in pass,
among other similar and more general formulas. More-
over, it isdifficult to use because of the unclear normal-
ization of the function. The authors of [8-10], who
were not familiar with [5], somewhat improved the
transformation formulas [1]; yet, the expressions
remained unwieldy. This forces us to reconsider the
problem.

DERIVATION OF THE FORMULAS

As it was noted, we should consider elementary
spherical and spheroidal harmonic functions:

Uy = 1Py (cosB)e™, (1)
Vi = g (T) PR (1)€Y
(n=0,1,2,...,-n<k<n).

)

Here, P',‘] are the associated Legandre polynomials of

thefirst kind andr, 8, and | are the ordinary polar coor-
dinates in space. The spheroidal coordinatest, T, and @
are related to both the polar coordinates and the Carte-
sian ones x, y, and z by the relationships

rsind = Jx°+y” = c//(1-t°)(1+1°), 3

rcos = z = ctr(-1<t<1,120),

where 2c is the focal distance in the chosen system of
spheroidal coordinates (the system related to aflattened
spheroid is used because of its practical importance for
problems of mathematical physics).

It will suffice to consider the case k > 0, since the
transition to negative k is equivalent to complex conju-
gation. The functions qﬁ (1) are essentially the Legan-
dre functions of the second kind of an imaginary argu-
ment. However, various authors give different defini-
tions for these functions, which differ in normalizing
factor. For the clearness’ sake, we employ the normal-
ization condition o, (1) = T-1+ O(1"-3), sincein this
case both function (1) and (2) asymptotically coincide
at large distancesr for ¢ = 1. Then, asis known,

(1) _ (2n+1)!!

(1+7t)* (n+k)

y (m+ K (=1)"™2
rnZﬁ(m—n)!!(n +m+ 1)

(4)

On the other hand, the following formula is also
well known (we represent it in terms of our normaliza-
tion:

yTlX - z 2m 1)” Pmn(X)Qm(Y), (5)
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where Q,(y) are the Legandre functions of the second

kind normalized at infinity as Q,(y) =y™ 1+ ... and x

and y are arbitrary complex numbers satisfying the ine-
quality [X| < |yl

Substituting y = iu into (5), we abtain

1 m! .

“x mzo(zm— D P

-m-1

Om(U)

or

z (2m 1)n Pn(X) G (u). (6)

We should also take into account the well-known
representation of the Legandre polynomial:

U+IX

P_(x) = Z*(_l)(m—n)lz(m+ n—l)”xn. @)

nl(m—n)!!

In (7) and further, the asterisk at the summation sign
means that only the terms with the same evenness of m
and n are added up. Then, relationship (6) takes the
form

Z zl—m( 1)(m n)/2

m=0n=0
(m+n=-2)!'m!
n'(m—-n)!(2m-1)!!
where u and x may be considered to bereal if u > x.

Let us collect in both sides of (8) the terms with the
same power of x". Then,

u+ix

(8)

X"0m(U),

* (m+n-=-21)!ml
B nIZ(m n)!(2m- 1)” (1)

Differentiating this relationship k times yields

—-n—-k-1 — 1
(n+K)!

«(m+n—1)1(m+k)!  qu(u)
(m=n)'(2m- 1)||( +u2)k/2'

u

9)

Z

Having found a number of auxiliary relationships,
we turn to the direct construction of the coefficients a
and B in the transformation formulas, which should
have the form

> *
Unk = z anmkvmk’ (10)

m=n

oo*
Vnk = z BnmkUmk-
m=n

In (10), we have aready taken into account the nat-
ural restrictions: theindex k is not involved in the sum-
mation and the summation over m is restricted by the
values of the same evenness as a given n. This follows

ANTONOV,

BARANOV

from the symmetry considerations and was taken into
account in [1, 8-10]. In order to determine a and (3, it
suffices to consider only points in the vicinity of the
polar axis, i.e., consider an asymptoticsat small 6. First
of dl, it isknown that

PX (cosB) = 27 (n+ K)!/[K! (n—K)!]} sinkd + O(sink * 26).

Correspondingly,
—k
~ -1 kw2 (N K)ok
Uy=2Z e —k!(n—k)! neoe an
_ 2+ R (x+iy)*
Kl(n—k)! n+k+1

holds in the vicinity of the polar axis. A similar repre-
sentation for V,, may be found by going from the sphe-
roidal coordinates to the Cartesian ones:

o(1—1922= [0 + )L + 1)) 2
={0¢ + YL + (et}

Then,
gy (KL (C+y")
R S T O i
1+
_ ok (n+K)! "4
=2 Kl(n k)l( )ck 14 2}1/2
Cg]

in the same approximation.

Substituting formulas (11) and (12) into the first
relation of (10), we leave only principle terms of the
order of (x + iy)¥ in the expansion in x and y. These
terms should coincide irrespective of the other terms of
higher orders of smallness. Hence, making the substitu-
tion z/c = u, we have

(N+ k) —n-k-1

(n—k)!
o 13
oy (MEK) e Gn(U) =
Z nmk(m_k)! (1+u2)k/2.
Comparing (13) and (9), we arrive at
-n-1
_ cC (m+n-)"(m-k)!
Comk = i1 (momi(2zm—Dn 4
TECHNICAL PHYSICS Vol. 47 No.3 2002
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The equality
(n+Kk)! qﬁ(u)
(N=K)! (141
(15)
(m+Kk)! R
Xsnmk(m 9 sy
isfound in asimilar way.
From (15) and (4),
g = (n+rDi (m-KH)" " (16)

(n=K)!' (m=n)!(n+m+ 1!

Finally, on the basis of (14) and (16), we can write
the desired formulasin the form

Uni = (n K)! Z

(2n+ N o (=1)"" ™2 (m-k)Ic™ !
mk*
(n=Kk)! . (m=n)lI(m+n+21)! (18)
Formula (17) coincides with that given in [5, 6] up
to the normalization and notation. However, (18) differs
from the corresponding one given in those works. This
formula can be verified by comparing its right and left
partsfor apoint located at the equator (t = 0). Then, (18)

turns into the expansion qﬁ () in inverse powers of
(1 + 1) and can readily be verified.

Formulas (17) and (18) may be verified by taking
into account their self-consistence: the substitution of
one formula into the other should result in the identity

(the sum over mis determined by the transition to the
integral representation of the Euler beta function).

*(m+n DI (m-— k)I
(m=n)l'(2m-1)!!

mk’ (17)

Vnk =
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Recall that in theliterature, various systems of sphe-
roidal harmonic functions differing in normalization
occur. However, the transition from one normalization
to another in formulas (17) and (18) is quite easy, and
the expressionsfor a and 3 remain rather simple mono-
mials.

In [11], it has been proposed to use expansions
related to triaxial ellipsoids. It seems that the transfor-
mation of these expansionsinto thosein spherical func-
tions can also be found in this case.
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Abstract—The Mdssbauer and X-ray diffraction techniques are used to study the evolution of structure and
chemical inhomogeneities in magnesium-zinc ferrites. These are the octahedral short-range environment of a
magnetic Fe>* ion, mesoscopic quasi-planar regions of size 100-200 A (clusters) with locally changed chemical
composition and crystall ographic order, and the general long-range order of the ferrite matrix. In each of these
three inhomogeneities, the high-temperature long-term firing of the Mg—Zn ferrite (T = 1280°C, 1 = 0-8 h)
inducestransitions (magnetic in the short-range order, concentration in the clusters, and structural in the matrix)
within the time period T = 1-2 h. Subsequently, the structure stabilizes with the initial three-scale hierarchy

retained. © 2002 MAIK “ Nauka/Interperiodica” .

Magnetically soft magnesium-zinc ferrites are
widely utilized in the electronic technology as a cheap
alternative to expensive nickel—zinc ferrites. Most fer-
rites contain variable-valence cations, which lead to the
formation of defects in the matrix lattice. This may
cause local distortions and also break the long-range or
mesoscopic order of the solid solutions. The origin of
the inhomogeneities and the mechanism of their influ-
ence on the properties of commercial magnesium-zinc
ferrites have been established by employing the con-
cept of clustering and by studying changes in the fine
structure of single-crystal manganous-zinc ferrites
MnzZnFe0,[1, 2].

The atomic structure of the long-range and mesos-
copic orders was analyzed with diffraction patterns
taken from Mg,s.Zng46F€,0, (CrK, radiation). We
studied the fine structure of (1) Debye coherent scatter-
ing, (2) diffuse (coherent) scattering [3], and (3) Comp-
ton incoherent scattering. The linear size of the clusters
was estimated from the diffuse peak width by the
Kitaigorodsky technique [4].

In the polycrystalline samples, we studied the dif-
fraction by different crystallographic planes of
M0o54ZNg 46F€,0,4. The ferrite samples differed by the
time of firing at 1280°C (from 0.5 to 8 h).

The MgysZny6Fe,0, Mmagnesium—zinc ferrite
samples were synthesized by the ceramic technology
[5] from a powder mixture of magnesium, zinc, and
iron oxides. Pressed samples were sintered in air at
1280°C with subsequent free cooling.

The local magnetic order was determined from
Mossbauer y-absorption spectra for Fe’. A Co*’
gamma-ray radioactive source of activity 50 m Ci was
embedded in a chromium matrix. The parameters of the

M 6sshauer spectra were measured with the UNIVEM
computer program. Bearing in mind the spinel structure
of ferrites and the relaxation character of the spectra at
room temperature, we separated out the components of
the spectra obtained in experiments. It turned out that
the ferrite consists of several “quasi-phases,” or mag-
netic clusters, with a certain magnetic order. Two of the
quasi-phases revedled in magnesium-zinc ferrites
depend on thermal treatment conditions [6]. For such
inhomogeneous ferrite spinels, the Curie temperature
loses its meaning, since the magnetic order changes in
several stages. In terms of the modern concepts [7],
localized disordered states appear in the magnetic
structures. Inferrites[8], specifically, in magnesium [9]
and magnesium~zinc [10] ferrites, the A (t, for tetra)-B
(o, for octa) interaction dominates over the intrasublat-
tice (A—A and B-B) interactions; therefore, account
should be taken of both the local and mesoscopic (delo-
calized) disturbances of exchange interactions because
of the different nature and scale of inhomogeneities.

The cation environment of a Fe* ion at octahedral
sites can be represented as the FeZ' —-0?>—Me/™ chain.
Here, Me]" arevarious closest neighbors: MgZ" (mag-
nesium partially occupying the tetrahedral sites
because of ahigh temperature), Znt2+ (alwaysat thetet-
rahedral sites), or Fef’+ (since Mg atoms form clusters,
Fe** ions may partially appear at tetrahedral sites).

The Mosshauer spectra taken at different time
instants of magnesium-—zinc ferrite sintering at 1280°C
do not show the a-Fe, 05 phase in the sextiplet even at
the very beginning of sintering. This suggests that the
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samples have completely transformed to the ferrite
state (i.e., to single-phase ferrite spinel) in the prefired
charge before heating to the sintering temperature.

The integral intensities of the Mdssbauer spectral
components for the fired magnesium—zinc ferrites sin-
tered at 1280°C are plotted in Fig. 1. Curve A indicates
that the integral intensity S, is constant in the entire
range of firing time at 1280°C (from 0.5 to 8 h); i.e,,
both the concentration and ordering of Fe** remain
unchanged. However, at T = 2 h, the relative contribu-
tions of the components to the integral intensity of the
sextiplets change: the previously dominating S;; inten-
sity, which is associated with the exchange interaction

of magnetic octahedral FeS™ atoms with five and six
nearest neighbors (T < 2 h, curve B,) gives way to the
Ss, intensity, which is associated with the exchange

interaction of Feg+ with the closest three and four

atoms (1T > 2 h, curve B, in Fig. 1). It isimportant that,
at 1 = 2 h, both magnetic quasi-phases B, and B, coexist
in equal amounts.

The heterogeneous nature of the synthesis of the
magnesium-zinc ferrite shows up in the formation of
structural, chemical, and magnetic inhomogeneities
(Fig. 2). The integral intensities of the components of
the M 6sshauer absorption spectra support this character
of the synthesis and imply the presence of inhomoge-
neous regions in the equilibrium magnesium-zinc fer-
rite (see curvesfor A and K in Fig. 2). Here, thek curve
reflects the monaotonic growth in the concentration of
the dlightly inverted magnetic phase (from 0.2 to 0.4),
which tendsto saturate at T > 4 h.

In contrast, the concentration of the highly inverted
magnetic phase (the curve A in Fig. 2) decreases step-
wise from 1 to 0.4 as the duration of the high-tempera-
ture firing increases from 0 to 8 h. The system
approaches equilibrium at T = 8 h through equalizing
the degrees of inversion A and k for both magnetic
guasi-phases. These quasiphases are of alocal or meso-
scopic character and define the temperature depen-
dence of the initial magnetic permeability.

For all of the samples studied, the diffraction pattern
wasthe superposition of reflections from atomic groups
of three types (Fig. 3): (1) narrow peaks from structural
groups with long-range order; (2) diffuse peaks
between the Debye lines from the clusters with mesos-
copic atomic order; and (3) incoherent scattering (back-
ground), which increases with angle 8, from disorderly
arranged atoms.

In the first two cases, we dea with coherent, while
in the third case with incoherent, X-ray scattering. The
Debye X-ray diffraction from the clusters obeysthe law
2dsin® = nA, which allowed usto identify their crystal-
lographic structure.

With an increase in the hold time at 1280°C, the

crystallographic parameters of the structural groups
vary nonmonotonically in al the samples, which sug-
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Fig. 1. Variation of the M&ssbauer spectral component
intensities for the Mgg54Zng 46F€>,0, ferrite with firing
time; the spectrum is shown in the inset.

A, K, arb. units

0 1 2 3 4 5 6 7

8
T,h

Fig. 2. Variation of the A and k components in the Mg—Zn
ferrites sintered at 1280°C; k and A denote the phases with
low and high degree of inversion, respectively.

gests the evolution of the atomic order. Let us consider
the variations in each of the structural fractions in
detail.

The analysis of the crystallographic structure of the
Mg 542N 46F€,0, matrix showed that it varies with the
firing time at 1280°C (Fig. 4) as follows. Throughout
the time interval, the lattice parameter differs from the
tabulated value a,,, = 8.414 A; the dependence a = f(1)
hasaminimum at T =1 h and approachesa,, aT1=8h;
and two cubic sublattices with different lattice parame-
ters coexist in the solid solution at T = 2 h, as displayed
by splitting each of the diffraction lines (Fig. 3). Such a
“layering” of the solid solution resembles a second-
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I, arb. units order phase transition similar to ordering in the form of
R chemical layering and represents the metastable stage
0.5h ez before the formation of the stable structureat Tt = 8 h.

The splitting of the diffraction reflections is another
evidence for the coexistence in of the two phases equal
amounts (the tetrahedral and octahedral environments

of a Fe§+ ion at T = 2 h), which was first indicated by
the M dssbauer spectra.

While the structure with long-range order changes
thelattice parameter, that with mesoscopic order exhib-
its the changesin the chemical and phase compositions
(Figs. 3, 4). At the beginning of high-temperature firing
at 1280°C (1 = 0.5 h), the mesoscopic structure has the
ternary spinel structure ZnO - Fe,0O; with individual
ZnO clusters. Then, at T = 1 h, the ternary spinel breaks
down into ZnO and Fe,03, thus providing ordering in
thecluster structure. At T =2 h, theclustersare arranged
inthe spinel structure with ZnO oxide replaced by more

= 8 3
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13
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3 S
I/I 1 1 1 1 8.37
5 3
2h v 82 Il Il Il Il Il Il Il Il
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Fig. 4. (a) Experimental lattice parameter obtained from the
diffraction patterns; (b) the intensity of diffuse scattering
from (1) ZnO, (2) ZnFe,Oy4, (3) Fe,O3, (4) MgFe,04, and
(5) MgO clusters; and (c) comparison between the X-ray

Fig. 3. Evolution of the X-ray diffraction pattern. The scattering intensities: (1) Debye coherent scattering,
reflections from (1) ZnO, (2) ZnFe,O4, (3) Fey03, (2) incoherent scattering (background), and (3) coherent
(4) MgFey04, and (5) MgO clusters, as well as from the diffuse scattering from the clusters (fluctuation peaks
associated crystallographic planes, are indicated. between the lines).
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stable MgO, which resultsin the formation of MgFe,O,
groups. However, Fe,O; and MgO clusters still remain.

At T = 8 h, MgO clusters become dominant with a
partial retention of MgFe,O, spinel clusters. The
changes in the X-ray intensity from the disordered
structure imply that disorder decreases (Fig. 4c).

The minimum and maximum of the curvesin Fig. 4
are indicative of the phase transitions in the range of
1<t<2h.

Thus, the X-ray intensity of coherent scattering by
the matrix structure (Fig. 4c, curve 2) and of incoherent
scattering by the disordered structure peaksin therange
from 1 to 2 h. This suggests that all the three structural
groups responsible for the phase transitions are dis-
torted to the maximal extent. Initially, the state of the
material changes from homogeneous to inhomoge-
neous (the metastable state of the solid solution at 1 <
T < 2 h). Subsequently, the metastable phase (layered
ordered solid solution) changes to the stable state (at
T> 2 h). The latter corresponds to the structure of the
Mg s4ZNo46F€,0, cubic ferrite containing a small
amount (=10%) of clusters and ions (cations and
anions), the ions being strongly displaced from the
crystal sites. To thisatomic order, there correspondsthe
stabilized magnetic order where the exchange interac-
tion with closest three and four atoms prevails.

TECHNICAL PHYSICS Vol. 47 No. 3 2002
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Abstract—Atomic order and magnetoresistive parameters are studied in Lg, gSrg ;,Mn, 5 _CryO5 ceramics, in
which Cr substituted for the above stoichiometric Mn content serves to enhance cluster formation in a solid
solution. It is shown that in arange of 0.05 <y < 0.1, LagSrg,Mn; ,_,Cr, O3 experiences a phase transition

from a partially disordered solid solution with a rhombohedral lattice (R3 c), in the form of planes possessing
along-range order and clusters of mesoscopic order, to a chemically microstratified solid solution, in the form
of planes of an orthorhombic (Pnma) crystal lattice having a matrix structure and mesoscopic formations (clus-
ters) coherently combined with amatrix of plane fragments peculiar to oxides of y-MnO, typeor, at y > 0.1, of
Cr,O3 type. It is shown that the structural phase transition is accompanied by maximum changes of the magne-
toresistive parametersin the same range of Cr concentrations, i.e., 0.05 <y < 0.10. © 2002 MAIK “ Nauka/Inter-

periodica” .

At the present time, the attention of researchersin
physicsand material scienceisattracted to metal oxides
based on lanthanum manganite (LaMnOy), in which a
giant magnetoresistance is observed [1]. Of great inter-
est ae solid solutions of the composition
La _,MMnO;,5 (M = Ca, Sr, Ba, Pb), in which at
0 < x< 0.3 atransition from antiferromagnetic to ferro-
magnetic order is observed accompanied by a change
from semiconductor to metallic conductivity [2—7].

Thiswork is astudy of the influence on the atomic
ordering of substitution of chromium ions for manga-
nese in manganese lanthanides of composition
L3y 6SroMny,_,Cr,0; (0 <y < 0.2), where chromium

and oxygen form atype R3 c rhombohedral structure. It
was expected that the introduction of chromium would
stabilize LaSrMnCrO in the rhombohedral phase
because we had earlier observed that in synthesized
La,_,Mn,,,05, 5 lanthanides, the atomic ordering is
affected by the type of crystallographic structure
obtained [9].

Note should be made of the composition
L3y 6Sr0,Mn;,_,CryO3. 5 Which is nonstoichiometric,
with a Mn content exceeding by 0.2 the concentration
of octahedral positions. Chromium was substituted for
thisexcess Mn. It was taken into account that (i) Cr and
Mn are neighbors in the periodic table; (ii) their intrin-
sic magnetic moments differ by a factor of 2: 4y for
Mn3* and 2 for Cr3*; and (iii) both Mn3* and Cr3* can
participate in high-frequency electronic exchange.

Thus, under the conditions created in the
L3y 6Sr0,Mny,_,CrO;5. 5 lanthanides studied, the mag-

netoresistive parameters can vary as a result of cluster
formation processes in heterogeneous, athough not
heterophase, solid solutions, as should have been
expected in accordance with [8] and our studies[9, 10].
As seen in diffraction patterns (Fig. 1), small amounts
of chromium substituted for manganese tend to stabi-

lize the type R3 ¢ rhombohedra (R) structure, imped-
ing the transition to the orthorombic (O) type Pnma
structure. The R — O structural phase transition (PT)
is accompanied by extreme intensity changes in the
incoherent X-ray scattering, with aminimum at 0.05 <
y < 0.1 (Fig. 2). In the structure's soft mode, the rhom-
bohedral phase appears in the form of clusters, aso of
the rhombohedral type, and fragments of separate fam-
iliesof planeswith stacking faults; in most casesforma-
tion of these planes, which involves an inversion axis,
occurs with the participation of planes containing vol-
ume diagonals. The orthorhombic phase in the struc-
ture's soft mode appears as orthorhombic type clusters,
which, however, are represented by abinary phase from
a family of planes of manganese oxide y-MnO,; i.e.,
local chemical ordering in a multicomponent system
takes place. Cr inthiscaseisfound in the form of Cr,O4
clusters with high degree of chromium substituted for
manganese (y = 0.2).

Changes in the structure of a multicomponent solid
solution taking place in the course of the chemical-
ordering type process are manifested as enhancement
of the diffusion scattering within small diffraction
angles (© < 20°) at higher Cr concentrationsin the sam-
ples: the high intensity of the small-angle diffuse scat-
tering in diffraction patternsfrom sampleswith y = 0.05
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Fig. 1. Diffraction patterns of samples with y: (a) 0;
(b) 0.05; () 0.1; (d) 0.2.

and 0.1 (curvesin Figs. 1b, 1c) and weak scattering for
y =0 (curvesin Figs. 1a, 1d). Higher intensity at small
anglesischaracteristic of the second kind of phasetran-
sitions[8]; in this sample group, it isthe ordering of the
solid solution analogous to chemical microstratifica
tion. This process |eads to the emergence of nonunifor-
mity of the composition over the bulk of solid solution
No. 3
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Fig. 3. Temperature dependences of the magnetoresistive
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and of thermodynamically stable quasi-binary forma-
tions (clusters) coherently coupled to the matrix struc-
ture. Every cluster type in this multicomponent solid
solution consists of only onekind of cationic element of
the entire set and of oxygen anions (Fig. 1).

In the entire chromium concentration range studied,
the conductivity is metallic up to a temperature corre-
sponding to the maximum resistance T(R,.,) (Fig. 3).
Above T(R,.) the conductivity is of the semiconductor
type. With y increasing from 0O to 0.2, the phase transi-
tion temperature varies from 370 to 300 K. The maxi-
mum value of the resistance normalized to the value at
273 K (R/R(273 K)) drops with increasing concen-
tration of chromium ions (seetable).

The magnetoresistive effect (AR/R, = (Ry — Ry)/Ry)
measured in a field of H = 5 kOe is demonstrated in
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Fig. 4. Variation with y of the magnetoresistivity peak tem-
perature and maximum values of AR/R,.

Fig. 3. With increasing Cr concentration, the magne-
toresistivity peak temperature (T;) decreases monoton-
ically, asisthe case with the resi stance maximum tem-
perature (see table). The magnetoresistive effect at T,
alsoincreases by about 50% at y = 0.2. According to the
experimental datain Fig. 4, with increasing chromium
concentration, the magnetoresi stance peak in mangan-
ite-anthanum-—strontium grows and T, decreases. The
range of composition where the most significant varia-
tions of these parameters occur is0.05 <y < 0.1; curves
of AR/IR, = f(y) and T, = f(y) have an intersection point
at about y = 0.085. This result is in agreement with the
character of the structural changes (Figs. 1 and 2), caus-
ing the transition from the rhombohedral to orthorom-
bic phase for the same concentration composition.

Transport properties of ceramic samples

y Tk K Rl (273K)
0 367 1.45
0.02 365 1.42
0.05 362 1.40
0.1 334 1.38
0.2 302 1.20

SAMOILENKO et al.

CONCLUSIONS

The R — O structura phase transition uncovered
in LaySro.Mn, ,_,0O; for compositions of 0.05 <y <
0.1 and the results of studies on their magnetoresistive
parameters testify that the variation of magnetic prop-
erties in this system is due to considerable rearrange-
ment of the atomic structure. With increasing chro-
mium content in LaSrMnCrO, the concentration vol-

ume of the ferromagnetic phase having an R3c
rhombohedral lattice is gradually replaced by an anti-
ferromagnetic phase having a Pnma orhtorombic lat-
tice. This condition is known as transformation of a
two-phase magnetic structure in the form of “diamag-
netic drops in a ferromagnetic medium” into a struc-
tural state in the form of “ferromagnetic dropsin adia-
magnetic medium” [1]. Near such astructural magnetic
and resistive transition, a maximum in the magneto-
resistance is observed. With increasing chromium
content, the magnetoresistive effect becomes stronger
and the phase transition temperature of the
L3y eSro,Mny,_,Cr,0; solid solutions under study
diminishes.
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Abstract—The impurity concentration N in a gas flow in a channel is approximately calculated. In a number
of cases, thewall losses of impuritiesin the channel can be taken into account by introducing an effective life-
time 1 that describes the diffusion drift of the impurity from the flow toward the walls. © 2002 MAIK

“ Nauka/lInterperiodica” .

(1) For definiteness, we consider the flow of a
molecular gas in a channel. The gas contains a small
portion of vibrationally excited (for example, to thefirst
level) molecules. Schematically, the flow is shown in
Fig. 1. the gas flows through discharge chamber I,
where the initial concentration of excited moleculesis
generated and enters two-dimensional channel Il. Dur-
ing the flow through the channel, the excited molecules
are lost due to vibrational (v—t) relaxation in the vol-
ume and adsorption on the channel walls (see, for
example, [1, 2]).

(2) To determine the lifetime T of the excited mole-
cules, consider the initial zone of the flow in the chan-
nel. The distribution of the concentration of the excited
molecules along the length x and across the section (in
the direction y) of the channel can be found from the
convective diffusion equation

Vo, [ON-DO’N = —N/1,,, (1)

whereV, isthe flow velocity along the x axiswithin the
initial zone of the flow, which is assumed to be con-
stant; D is the salf-diffusion coefficient of the mole-
cules (in the general case, the diffusion coefficient of
the impuritiesin the gas); 1, isthe time of (v-t) relax-
ation; and U isthe del operator.

At thewalls of the channel, the boundary conditions
for Eq. (1) have the form [3]

D"_.Ng; N = 2Ny Nt H= 5@

where v = ./8T/TiM isthe average thermal velocity of
the molecules and y(B6) = 1 — r(8) is the coefficient of
sticking the vibrationally excited molecules to the sur-
face (r isthe reflection coefficient).

The quantity y depends on the surface coverage 6 by
adsorbed atoms and on the potential barrier for the sur-
face adsorption of the molecules. The height of thisbar-
rier varies in a wide range from small ones (for exam-
ple, for Pd) to those that significantly exceed T (for

example, for Cu) [4, 5]. At the channel entrance (x = 0,
-L/2<y<L/2), theinitia distribution of the concentra-
tion of the excited molecules N(0O, y) is set.

The solution of Eq. (1) is the sum of its particular
solutions that one finds by the method of separation of
variables [6]. Then, the general solution can be written
in the form

00

N(x y) = A.cos(LY/R)
2 Aoty ®

x exp{ —[ /1 + 9312 + R¥D1,) — 1| XI9R} .
Here, § = 2D/RV,; R = L/2; p, are the positive roots of
the equation cotp = wB (k=1, 2, 3, ...), where B =
(RV /2D)y/(2y); and

R

Hic 1 J’ N(0, y) cos(p,y/R)dy (4)

- Wy + sinpy cosp R

A

are the Fourier expansion coefficientsfor theinitial dis-
tribution of the concentration N(O, y).
By order of magnitude, the parameter 3 is equal to
the ratio of the terms
2
—Da—'\zl and Voa—N,
ox 0x
entering into (1); i.e., it definestheratio of longitudinal
diffusion to convection. At & > 1, the convective term
in Eq. (1) isinsignificant. In this case, the distribution
of the impurity concentration in the channel is gov-
erned solely by diffusion and, as follows from (3), has
the form

N6 y) = 5 Acos(iuy/R)
®)
x expE% W2+ RIDT, 0.
0 0
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Fig. 1. Scheme of the flow: I, discharge chamber; 1, chan-
nel; and Vg, gas flow velocity at the channel entrance. The
cross section of the entering flow (x = 0) is hatched.

Theflux density I of the excited molecules entering
the channél is given by

x=0

(6)

Dt,,

In (6), the symbol [J..0means averaging over the
cross section of the channel. It is seen that, at R <

/D1, the characteristic diffusion length of the impu-
rities along the channd is =R; otherwise, it is on the

order ,/Dt,,. Thetota flux of the impurity molecules

that enters the channel is equal to the product of I (O,
y)and the cross-sectional area S of the channel.

(3) Now we consider the other limiting case when
¥ < 1land, asaresult, thelongitudinal diffusionisneg-
ligible. Then, the term —D(d°N/0x?) in (1) can be
neglected and the impurities along the channel are
transported only by convection, while across the chan-
nel, exclusively by diffusion (it is this situation that has
been considered in [1, 2]). In our casg, in the time it
takesfor the impurity to diffuse across the channel over
adistance =R, it travels a path x along the channel that
is greater than R: /R ~ /8. Under these conditions, it
is appropriate to describe the losses of the impurity
molecules in the channel, which are associated with
volume (v-t)-relaxation and drift to the channel walls,
with the help of the effective lifetime t,. To determine
Ty, We consider the concentration IN(x, y)Oaveraged
over the cross section of the channel. Assuming that
9 < 1in (3) and averaging the result over y, we obtain

[IN(x, y)O = F(&)exp{—x/V,T,¢ , ()
where
sinpy D 4u
F(2) = zAk “exp; n;am. to)
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Here, & = x/Vtqand 14=A%D and A = L/Ttare thetime
and the length of the transverse diffusion of the impuri-
ties. Let the effective lifetime of impurity particles be
given by

dT(x, y)d _ [IN(x, y)O
dx T T(x) ©)

Here, [T (X, y)O= VIN(x, y)Uis the flux density of the
impurities along the channel after averaging over its
cross section. Using (7) and (9), we find

1/, = i+1,
where
1 _1d

The total losses of the |mpurity molecules per unit
length of the channel are equal to —SIN(X, y)[ty. The
parameter T in (10) specifies the loss rate of the excited
molecules due to their lateral diffusion from the flow
toward the walls. The lifetime T thus introduced virtu-
aly coincides with the lifetime that arises in the prob-
lem on the temporal evolution of the impurity goncen-
tration n(t, y) in discharge afterglow (t = 0) [7].1 Thisis
associated with the fact that Eq. (1), in which the term

_D62N(x, y)
ax°

is omitted, coincides with the corresponding equation
for n(t, y) when t is replaced by x/V,. The solutions for
n(t, y) and N(x, y) are similar only at 3 < 1, when the
order of Eq. (1) in x can be lowered. In the general case
(i.e., when 9 is arbitrary), such asimilarity is absent and
itisnecessary to use the solution of Eq. (1) inform (3). In
this case, the wall losses in the channel can no longer be
described with the effective diffusion lifetime 1.

(4) In calculating T with expression (10), one usually
leaves only thefirst termin sum (8). Theresulting value
of T (below, it isdenoted t,) isequal to

T, = 14(1U24,)?, (12)

where ,(B) is the least positive root of the equation

cotp = p/B. Such an approach is a fortiori valid for
¢ > 1, when the terms with k = 2 make a small contri-
bution to (8). Below, we will show that actually the
applicability domain of expression (11) is considerably
wider. The replacement of 1T by T, leads to the exact
solution also a & = 1, aswell asin a sufficiently wide
rangeof & at & < 1.

1 Expression (10) for T obtained in our work differs from the corre-
sponding expression in [7] in that averaging over the cross sec-
tion of the channel was not performed in [7] and the problem was
solved for the cylindrical geometry.
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Fig. 2. Distribution of n(&) along the channel. For neighbor-
ing curves, the parameter B differs by afactor of 2, varying
from 0.125 to 64. (8) Impurity is uniformly distributed over
the channel entrance and (b) impurity is concentrated at the
center of the channel entrance.

In the limiting casesB > 1 (4, = W2) and B < 1
(M = +/B), expression (11) yields 1, = 14 and T, =
(L/7 )(2 — y)ly, respectively. The former value corre-
sponds to the conditions when the sticking coefficient y
is not too small and the drift time of the molecules
depends on the time 14 of their lateral diffusion to the
walls. Then, boundary condition (2) is changed to
N(X, £ L/2) = 0. The latter is obtained wheny < 1 and
isso small that T > 1. In this case, the concentration N
of the impurities is nearly uniformly distributed over
the cross section of the channel and the flux density of
molecules escaping the gas and being adsorbed on the
surface equals =(y/4)NV . For intermediate values of B,
expression (11) is closely approximated by the formula
T, =14+ (L/V)(2-V)/y[7]. Theaccuracy of calculation
that can be achieved when the approximate value of 1,
isused instead of T isillustrated in Fig. 2. Here, for the
two opposite cases, n(§) = 1,(§)/t(§) is plotted as a
function of distance & from the channel entrance. In
Fig. 2a, it is assumed that, at the entrance (x = 0), the
impurities are uniformly distributed over the cross sec-
2002
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tion of the channel: N(O, y) = N,, where N, is the con-
centration of theimpurities at the entrance. In this case,

- 28y, 0 4y 0
() Okzluk(uk + SiNp, COSK,) p%’_ g EH 12

In Fig. 2b, we assume that, at x = O, the impurities
are totally concentrated at the channel center N(O, y) =

(LNo/93(y), where Ny is the number of the particles
per unit length of the channel at x = 0. Then,

2N SNk
S kz M + SINL, COSHL,

=1

0 4p; O
F(E) = expI—2&7. (13)
om0
At & = 1, we have the same asymptotic distribution
in both cases:

N(x, y) = A;cos(K,Y/R)
x exp{ —[X/V,o T, + (HTC)U3E]} .

In Fig. 2a (showing the most often observed situa-
tion, which is of utmost interest), as the gas flows
through the channel, the concentration profile N(y) nar-
rows because of the adsorption of the impurities on the
walls. It is seen that, even in the worst case, i.e., at
B > 1, the effective lifetime 1, can be used instead of T
with an accuracy no worse than 0.1 for § > 0.3. Theini-
tia distribution N(O, y) ~ d(y) in Fig. 2b is hypothetical
and the worst for using approximate expression (11).
However, even here in the worst case B < 1, the effec-
tive lifetime 1, can be used with an accuracy no worse
than0.1at & > 0.8.

(14)
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