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Abstract—A random walk of a particleis considered in a medium with randomly timed changesin the direc-
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INTRODUCTION

The positions of particlesin variousliquid and plas-
tic mediums change when the mediums are deformed.
The problem of estimating the particle displacement,
together with a medium and as a result of autonomous
diffusion, arises in various technological processes
[1-4], aswell asin geophysics and astrophysics [5-7].
One of the simple models takes place in the case when
the motions of a medium are spatially ordered so that
the particle displacement over a period of timeisinde-
pendent of its previous position. In other words, the
characteristic size of inhomogeneities in the course of
the deformation of a medium is substantially larger
than the expected particle displacements along the
coordinatesx, y, and z. We will consider amore compli-
cated case when these quantities are of the same order
of magnitude el sewhere.

The displacements of a medium are assumed to be
random functions of time. We will consider a simple
model of random switchings (independent of the sys-
tem’'s history) with a frequency v. Particles are
entrained by a medium with a velocity of v(v,, v, v,)
that varies randomly and is constant between switch-
ings. This model isreferred to as semiregular. Our aim
isto find the distribution law for the total displacement
r(x, y, 2) over finitetimet and its asymptoticsfor larget.

ONE-DIMENSIONAL MODEL

First, consider one-dimensional motions along the x
axis with a velocity of the same absolute value v, and
the direction changing to the opposite at each switch-
ing. After alapse of timet, it isnecessary to find the dis-
tribution density p(x, t) of the particle position in the
case when it moves in the positive direction and p(x, t),
in the opposite direction.

As a matter of fact, this model determines a Mark-
ovian process, therefore, one might use the ordinary
Kolmogorov—Feller equations [8] with a stepwise pro-

cess component. However, it is convenient to use an
aternate way.

Let us introduce the probability q(x, t)dxdt that, in
the period of time (t, t + dt), both switching from the
regime of leftward to rightward dliding occurs and a
particle is located inside the interval (x, x + dx). The
function g(x, t) for the opposite switching is deter-
mined in asimilar way.

Let usfind the function g(x, t). The number n of the
last switching is not given beforehand; it is only clear
that it isan even random number. If nisfixed in the def-
inition above, we will deal with the functions q,(x, t):

g0 = Y e . M

n=24...

The quantity g,(x, t)dxdt can be considered as the
probability that a two-component quantity (x, t) will
belong to atwo-dimensional interval dxdt, wheret, asa
random variable, performs n independent stepst =t; +
t, +t3+ ... +1t, distributed exponentialy with a density
of

8, = ve . 2
Hence, the sum of n such steps is distributed with
the density [9]

_ V" n-1_-vt
8 = oyt € )

The coordinate X, by definition, is the sum of the
terms with alternate signs:

X = Xl_X2+X3_..._Xn
_ (4)
= Vo(ti—tr+t3—... —t,).
It is convenient to introduce auxiliary quantities T =
tL+tg+ .. +t,_and T =t, +t,+ ... +t, Then,

t=T+T, Xx= vy(T=T). (5)
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As is seen from the structure of T and T', they are
two independent random variables each of whichisdis-
tributed according to (3), where nis substituted for n/2.
Thejoint density 6(T, T) is

n
0.(T, T) = Y} Tn/2—1(T.)n/2—le—v(T+T)

-4 ©
(T, T'>0).

In view of the mutually independent character of
transformation (5), in order to perform transformation
tothevariablest and x, one hasto make the correspond-
ing inverse substitution in (6) and take into account the
Jacobian of transformation (5), which is equal to 2v,,.
Thus,

n/2—1
—vt

1 V" 0, xO
Gn(X, 1) = == ?

2 vo[%_%ng _% e o

(t>0,]x < vpt).

Summation over even n results in the following
expression for q(x, t):

2 _—vt |:| 2|:|
axt) = L1 (P-4, 6)
2vy O v

where |, is the modified Bessel function of the first
kind.

We calculate g (x, t) inasimilar way. Instead of (1),
we have

ax D = Y ax. ©

n=13...

Thevalue G, (x, t)dxdt isinterpreted as the probabil-
ity that atwo-dimensional quantity (x, t) will belong to
a two-dimensional range dxdt, where t, as a random
variable, isgiven by thesumt=t; +t,+ ... +t,and x =
Xp—=Xo+ ...+ X, = Vot —t, + ... +1,)). Weintroduce aux-
iliary variablesT=t; +tz+ ... +t,and T'=t, +t, + ... +
t,_4. Formula(5) isvalid in this case, and the only dif-
ference between this and the previous case is that the
distributionsof T and T' result from the general formula
(3) by substituting n by (n + 1)/2 in thefirst case and by
(n—21)/2inthis case. Hence, the joint density is

e(T, T') = -I—n/2—1(-|—.)n/2—1e_v(1—+-|—-)

Vn
m) m_ O
5-Hp 4
(T, T">0,n=3),
0,(T, T') = 8(T)ve"".
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Having performed the transformation to the vari-
ablest and x, we find

B 1 Vn X (n—1)/2
o 1) = == +o0
2 voﬂl_%ﬂl_@ v
p Ul T
X972
XB_V_(JJ e (t>0,[X svet, n=3),

au(x, t) = 3(x—vot)ve ™,
so that the summation with respect to n yields

2 i vet+x O 2]
q(x,t) = V_e t Vo X|1D/ t2_X
2v, Vo—X ™[0 % (20

+3(x—vt)ve .

Now, let us turn to the determination of the func-
tionsp(x, t) and p(x, t). If aparticleisinside an interval
(x, x + dx) and ismoving rightward at time t, within the
timeinterval (t, t + dt) the direction of its motion will
change to the opposite with a probability of vdt. Hence,

g (x, t)dxdt = q(x, t)vdtdx, or, in other terms,

p(x 1) = 4%,

" (11)
aswell as
p(xt) = q()\j’ b, (11a)

Thus, the distributions to be found are expressed in
terms of Bessel functions. Asymptotic behaviors of p

and p at larget arealso of interest. By analogy with the
well-known central limit theorem, one may expect that

the characteristic values of x will increase as 4/t . Usi ng
the asymptotics of the Bessel functions at large z,

Z

lo(2) = —
° 2A/2T[z’
we have
of, ¥ O
2 o V4 VOt -= -0
vi [1 0, xd 6 v o
)= — |—0°— .
ax ) 2v, ZHV% % ©

However, we have
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. 2 . .
since x?/ v increases ast increases. In a separated fac-

tor, the second term can be neglected as well. There-
fore,

2
VX

3/2 7
1 2k
(X t) = ﬁe )
, (12)
_vx_
1 Jv o
p(x, t)= 2me
Inasimilar way,
Z
11(2) =
! J21z
> vo tz—x—z—ug (122)
axt) = 5— © T =qx 1),
2VoA/2T[Vt

p(x, 1) = p(x 1).

Thus, according to (12) and (12a), the asymptotic
distribution of x is Gaussian, as onewould expect, since
the central limit theorem is generaly valid for Mark-
ovian processes [8]. The influence of the initial state
diminishes, although p and p do not coincide at finite
t. Formulas (8) and (10), aswell as (12) and (12a), can
be used to estimate the particle displacement with a
moving plastic medium or interstellar plasma.

GENERAL SPATIAL CASE

Consider agenera spatial case when the velocity of
a medium is a three-dimensional random vector v(v,,
vy, V) With azero mathematical expectation; variances

o2, 0,, and o> with respect to principal axes; and a
distribution density of x(v,, v,, v,). Let the vector v be
chosen randomly at t = 0 and then experience random
switchings from one value v to another independent of
history with afrequency v. The distribution of the par-
ticle displacement over timet and its asymptotics are to
be found.

We will employ a previous method. Let q(x, v, z
t)dxdydzdt be the probability that a switching will
occur in atimeinterval of (t, t + dt) when a particleis
located in a parallelepiped with sides dx, dy, and dz
around the point X, y, and z. The distribution density
p(x, Y, z t) isrdlated to (X, y, z, t) by thesimplerelation

q = vp. (13

At any given number of switchingsn=1, 2, 3, ...,
we have a certain probability g,(x, Y, z, t)dxdydzdt and

4= O
n=1
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Thefunction g, isgiven by adistribution density for
the sum of the four-dimensional quantity (X, vy, z t)
wheret, as arandom variable, has density (2). Accord-
ing to our conditions, at a givent = s, adirect propor-
tionality between the vectorsr (x, y, 2) and v(X, y, z) with
the coefficient s would take place. At n = 1, we would
have the four-dimensional distribution

7] -3

Qux Y,z t) = 6(t—s)x% g Ts*. (15)

Then, we have to average (15) over all possibles:

00

ql(x! Y, Z, t) = VJ-eS_36(t —S)X %1 %, gds
’ (16)
= Vot XY 4]
- t3e Xt

The density g, is represented by a convolution of n
distributions (16). At large n, we can directly refer to
the central limit theorem. The mathematical expecta-
tions with respect to X, y, and z corresponding to g, are
evidently equal to zero, and the variances D,, D,, and D,
can be calculated by (16):

= ILszql(x, y, Z, t)dxdydzadt

= [ff It"-ge—“x . %, 3 dxclydzct

S 205
= voiItze Vldt = . %,

Now let us calculate the mathematical expectation
[f0and the variance D, with respect to t. First,

0= I I I I e“”)(Et 2 thxdydzdt

= J’vte g = 1)
\Y)

The second moment is
21 = Vayty X Y 41
Egl J’J’J’Ite x[t,t,thxdydzdt

= J'vtze_"tdt = %
v
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Then D, = [P+ (0P = 1/v2 The product moments
with respect to pairs (t, X), (t, ¥), and (t, 2) are equal to
zero.

According to the central limit theorem, at large n,

4
v /2
qn(x’ Y, Z, t) = —[2
0,0,0,(41m)
2.2 2.2 2_2 2 (17)
xexpgrv X~ VY vz _v_%_gﬁ%
0 4nc’ 4no> 4ng2 2nH W

We assume a value of t to be proportional to n. It is
clear that only values of n closeto vt make a substantial
contribution to the sum, whereas for the other values
the exponent rapidly decreases. For example, it is equal

to 1/2 (the peak valueis 1) at |t —n/v| = ./2nIn2 /v and
[n—vt| = ./2nIn2.

Thus, the bandwidth of values of n making a sub-
stantial contribution to the sum is proportional to ny,
where ./n, corresponds to the middle of the band and

~.Jvt. The values of n appearing in the other expo-
nents, as well as the preexponential factors, do not
change significantly; therefore, n can be substituted by
the mean value n, = vt. Then, one has to sum up only
the last exponents where the difference between n and
Ny can be neglected. In view of the comparatively small

step of the exponent (of the order of ((vt)Y?) when n
changes by 1 in the range under consideration, the sum

—(n vt)

ZeZVt

n

can be replaced by the corresponding integral

Therefore,

2v¥?, [m O
q= [2 3/2eXpD_4t 2+y_2+
0,0,0,(4m)°t Oo*loy o, ©

and hence,

p(x,y.2) = ——p——
s 8(T[t)3/2 0,0,0,
0 2 2 2|:D (18)
X expD—X% + y_z z

+
_ .
04wl o) %

Theintegral of (18) over the entire space is equal to
unity, as expected. The distribution (18) is Gaussian
with variances increasing ast increases.
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An exact calculation of p(x, vy, z t) a afinite nis
somewhat difficult. They are obviated to a certain
extent by using the method of characteristics. First, let
us introduce such afunction for the initial density x:

f(T Ty T2)

v )eI(V K F VT +VTZ)d dV dV (19)

- Jpeceny

We aso define characteristics for g, as

n(Txa y Tz T)

- ([[fatrnzostn

Then

dxdydzdt.

Fi(Te Ty, T, T)

[l a e

00

= VIf(tTX, tr,, tr,)e Vdt

| (XT, + YT, + 2T, +11)

dxdydzdt (20)

and according to the general rule,

n = (Fl)n’

so that the characteristic function F for qis given by

(21)

(22)

PARTICULAR EXAMPLE

Consider an example when the characteristic func-
tion can be found [then, one has to perform the Fourier
transform of p(x, Y, z, t)]:

3
4v,

ql(vxv Vy’ Vz) - (23)

P(vi+vi+vievy)’

Thisis adistribution with afinite variance:

Jffiatvavs

the same result takes place for the other directions. Fur-
ther calculations yield

v,)dv,dv,dv, = v§;

f - eVOp(1+V0p)

2 2 2
wherep = T, + T, +15.
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Then,
V(2vop + Vv —iT)
Fa = (v p+v—iT)2 ’
; | (24)
F, V(2vep + Vv —iT)

1-F1 V22— 2ivepT—it(v —iT)

The Fourier transform with respect to 1,, T, and T,
has to be applied to the last formula of (24). The trans-
form with respect to T can be easily performed if one
expands the fraction in (24) into partial fractions; then
we will obtain the sum of exponents with respect to t.
Cancdling the factor v, we find the characteristic func-
tion

+Vop

NI<

(e—th_e—til) + %(e—tiz + e_tzl), (25)

N

Vo +4vvp
for p(x, y, z t) (tisaparameter), where

2vep + vV V2 +4vvp
§12 = > .

This formula can be verified if one calculates the
asymptotics of (25) with respect tot for x, y, z~ +/t and

p ~ U./t. Asis easily seen, formula (25) yields the
characteristic function of the Gaussian law with the
corresponding variance for larget.

CONCLUSIONS

In the model of random switchings under consider-
ation, the Gaussian distribution of the total displace-
ment is established in the course of time. This conclu-
sion is evidently valid in the presence of autonomous
diffusion of a particle: the results will be summed up
according to the rule for independent random variables
and the asymptotics will be Gaussian aswell. The only
guestion is how to estimate the variance; we have
derived the corresponding formula (18). In severa
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cases, it ispossible to find exact displacement distribu-
tions at any positivet. In the one-dimensional case, this
takes place in the model with equal velocities of dis-
placements in the opposite directions. In the three-
dimensional case, the corresponding characteristic
function can be found for a particular velocity distribu-
tion (23); theresults support the general calculations. In
future, the particle displacements in a turbulent
medium with afinite correlation distance may be stud-
ied in a similar way. Such attempts have already been
performed [10] in somewhat awkward and inconve-
nient form.
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Abstract—The properties of the nonlinear collision integral in the Boltzmann equation are studied. Expansions
in spherical Hermitean polynomials are used. It was shown [1] that the nonlinear matrix elements of the colli-
sion operator are related to each other by simple expressions, which arevalid for arbitrary cross sections of par-
ticleinteraction. The structure of the collision operator and the properties of the matrix elements are studied for
the case when the interaction potential is spherically symmetric. In this case, the linear Boltzmann operator sat-
isfies the Hecke theorem. The generalized Hecke theorem, from which it follows that many nonlinear matrix
elements vanish, is proved with recurrence relations derived. It is shown that the generalized Hecke theorem is
a consequence of the ordinary Hecke theorem. © 2003 MAIK * Nauka/Interperiodica” .

INTRODUCTION

In this work, we study the structure of the collision
operator using polynomial expansions. This method
converts the collision integral to an interaction matrix.
It has been shown [1-3] that the nonlinear elements of
this matrix obey various relations, which arevalid irre-
spective of the particle interaction potential. The appli-
cation of these relations greatly simplifies the calcula-
tion of the matrix elements (MEs) at large indices.

Asbasisfunctionsin which the distribution function
(DF) in the Boltzmann eguation is expanded, we take
spherical Hermitean polynomials, which are the prod-
uct of Sonine (generalized Laguerre) polynomials by
spherical harmonics. The Boltzmann equation is
replaced by an equivalent set of moment equations for
the expansion coefficients.

The basic challenge impeding the wide application
of the nonlinear method of moments is the calculation
of MEs with large indices. In [2, 3], recurrence rela-
tionsfor the MEsin theisotropic case were found based
on the invariance of the collision integral with respect
to basis functions. Also, it was shown that these rela
tions make it possible to construct the DF up to 8-
10 thermal velocities with a “nearly” analytical accu-
racy. Similar recurrence relations for the MEs corre-
sponding to the DF that is axisymmetric in terms of
velocitieswere constructed in [1]. Theserelations allow
one to express any nonlinear ME through a set of linear
isotropic and nonisotropic MEs. All the relations are
independent of a particle interaction model, as was
mentioned above, since they are valid even if a prefer-

ential direction existsin asystem, such as particlesin a
very high magnetic or electric field. The particles are
aligned with the field and become asymmetric.

In this work, the structure of the collision operator
and the properties of the MEs for nonoriented particles
are studied in the case when the interaction potentia is
spherically symmetric, not arbitrary. Under these con-
ditions, the interaction cross section depends only on
the velocity magnitude and angle of scattering. Such
potentials are the basic subject for study in the classical
theory of gases.

In Section 1, we demonstrate polynomia expan-
sions of the DF, the general form of the moment system
that is axisymmetric in terms of velocities, and the
recurrence relations [1] deduced for the MEs. Also, the
Hecke results for the linear Boltzmann operator [4, 5]
are analyzed.

In Section 2, we give asimple proof of the general-
ized Hecke theorem for the nonlinear axisymmetric
case using the recurrence relations for the MEs. It
becomes clear that the generalized Hecke theorem is a
conseguence of the Hecke theorem for linear MEs.

Finaly, in Section 3, we consider the Kumar repre-
sentation [6] of the nonlinear collision integral, which
uses the Talmi transformations. The way to prove the
generalized Hecke theorem with the Kumar results is
outlined.

1063-7842/03/4802-0138%$24.00 © 2003 MAIK “Nauka/Interperiodica’



GENERALIZATION OF THE HECKE THEOREM

1. POLYNOMIAL EXPANSION
OF THE AXISYMMETRIC BOLTZMANN
EQUATION AND RELATIONS BETWEEN
COLLISION INTEGRAL MATRIX ELEMENTS

Polynomial expansions are widely used in the
kinetic theory of gases. For the linearized Boltzmann
equation, such an expansion forms the basis for the
well-known Chapman—Enskog method [7]. In the non-
linear case, this method was extended by Burnett [8, 9]
and Grad [10]. According to Kumar [6], the most com-
pact expansion (suggested by Burnett) is that in Her-
mitean spherical polynomials

Hr,I,m = S(+1/2C YImi

where §+1/2 are Sonine (Laguerre) polynomials and
Y,m(G), ¢) (i =0, 1) are unnormalized real spherical
harmonics. They are defined as follows:

Yin(©, 6) (m=0,1,...,1),
Yin(©, )

Here, P"(x) are associated Legendre polynomials. In

the axisymmetric case (m = 0), spherical harmonics
pass to Legendre polynomials P, and the expansion is

accomplished in functions H, , = S,,¢P, with the
Maxwellian weight

f(V! X, t) = M(C)Zcr,l(xv t)Hr,I(C)v

P"(cos®) cosm¢

Pl'(cos®@)sinmp (m=0,1,...,1).

where

m D3/2 @

od € 0 ©7 2T[kT

In this case, the nonlinear Boltzmann equation is
replaced by a set of equations for the expansion coeffi-
cientsC, |:

DC, /Dt = ZK .Ce1.Co- 1)

Here, D/Dt is the differential operator that represents
the left-hand sides of the moment equations, which
were thoroughly analyzed, for example, in[9, 11].

An axisymmetric nonlinear ME has the form

M(c) = ——=(v-u).

i

KM= iJ’HMT(MHrP,l, MH, )dv,

rylyrols,

(2r + 21 + D!
(2rn2'2l + 1)

The relations between the MEs are based on the
invariance of the collision integral with respect to basis
functions. For example, in the isotropic case[2, 3], the
invariance with respect to the temperature T of the
Maxwellian weighting function is used, while in the
axisymmetric case, the invariance with respect to both

grl_
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T and the mean velocity u [1] is taken into consider-
ation. The matrix of the bilinear collision operator is
transformed by the formula

K' = DR(D™ DY, @

Thematrix D of basis-to-basistransition can be con-
structed with the a—u representation [12].

Differentiating (2) with respect to T and u yieldstwo
types of relations between the MEs:

| rl-1

(I+)r r-11+1
2| 1 fylyroly, = 2| +3 rulynrals
I, +1 l,(ry+1) .
_2|1 +1 ruli+1,r,1, 12|1+l Kr1+1,I1—1,r2,I2 (3)
1 1
l,+1 L(ro+1) 1 _
_2|2+ 1 ol +1 2|2+ 1 rplyr+1,L,-1 = 01

d
TdTKr ||1 PP

K (M =+ DKoM @)
—(ra*+ DK e (T).

Here, R=r;+r,—randL =1, +1,—I, which aresimple
algebraic expressions for the case of power potentials.
These relations suffice to construct all nonlinear MEs

from given linear MEs of one type, Kﬁ’JhO,O or

(T) = (R+LI2)K, . .(T)

K[;,'O, r,.1,» Dy applying the recurrence procedure.

If asystem has apreferential direction, for example,
in the presence of an electric or magnetic field, the par-
ticlesare aligned with thefield. Thekinetic equation for
such asymmetric particles was considered in [13],
where the H theorem was also proved for the case of a
preferential direction in the space. Such problems are
much more difficult to solve than those considered in
the conventional kinetic theory, where a preferential
direction is absent and particles are assumed to be sym-
metric.

In the presence of a preferential direction, the scat-
tering cross section depends on the magnitude of the
relative velocity g and the angles (g,, 2) and (g,, 2),
where z is the vector along the preferential direction
and g, and g, are the vectors of the relative velocity
before and after collision. In the conventional classical
theory, the scattering cross section depends only on the
relative vel ocity magnitude and angle between the vec-
torsg; and gy; that is,

o = o(g, ©). B

Asthekinetic theory of gases evolved, many results
for the linear and linearized collision integral were
obtained. Even Hilbert [14] suggested an iteration
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scheme to solve the Boltzmann equation. In his
scheme, the DF was represented in the form

f(v,r,t) = M(c)(1+¢(c))

and one equation with the nonlinear collision integral
was transformed into a set of linear integral equations.
Using hard spheres as an example, Hilbert showed that
all these equations are linear integral Fredholm equa-
tions of the second kind with the symmetric and orthog-
onally invariant kernel K(c, ¢,). Orthogonal invariance
isinvariance under rotation of coordinate axes, i.e., the

dependence of the kernel only on ¢?, ci , and the scalar
product (c [t,).

Subsequently, Hecke [4, 5] considered alinear inte-
gral equation with an orthogonally invariant kernel and
proved that this operator does not remove functions of
type Y(Q)Y, , fromthe Y, .-related subspace; thet is,

L)Y, m) = Yinl [W(C)]. (6)

The operator L' is independent of the subscript m,

and the function L' [W(c)] isisotropic in terms of velo-
City.

In [5], Hecke applied his theorem to the linear Bolt-
zmann operator for the hard sphere model. This point
merits detailed consideration. Following Hilbert,
Hecke represented the linear collision integral in the
form

L(¢) = k(c)d —IK+(C, €,€0s0)¢(c,;)dc,,

where

2

C

— —C2 N 1[| —u2 D

k(c) = 41P€ ész’%J’ch e du%.
0

The Fourier transforms k' of the kerne KI =
K. /(k(c)k(c,)) were defined by Hecke as follows:

1
ki(c,c,) = IK’: (c, ¢;, cos®)P,(cos®)dcosO.
-1

The analytical expressions for ki (c, ¢,) have the
form

—~(c?+cd) 20+1

K(c ¢y = e 8n M —
Jk(e)k(cy)| 2 * L(cey)

4T[|V|2|_l 4T[|V|2I+3

+

@l + 1)(2l —=1)(cc)' * @l + 1)(2l +3)(cc,)' ™

8n v Wp QO
+CCl I ue E(u)P,EH]P@:lDdu},

[uf <M

A.Ya. ENDER, I.A. ENDER

where

u

M = min(c, c,); E(u) :Iexp(—xz)dx.
0

Thus, the application of the Hecke theorem to the
linear Boltzmann equation leadsto the following result:
if the distribution function ¢(c) is expanded in Leg-
endre polynomials with expansion coefficients ¢,(c),
the Boltzmann operator in the axisymmetric case is
reduced to a number of spherically symmetric integral
operators

L(o) = ZPI(COSG)IKI(Q c)éi(cyde,  (8)
|

where the kernels K|(c, ¢;) are easily found through

k" (c, ¢;) (7) and © is the angle between the vector ¢

and the z axis. It should be stressed that it is sufficient
to consider only one angle because the isotropic opera-

tors L' in (6) do not depend on the subscript m. The
generalization to the three-dimensional caseis straight-
forward.

Thelinear Boltzmann operator exhibitsthe property
of orthogond invariance with the proviso that condition
(5) is satisfied. Hence, the Hecke theorem is always
valid if the particles are nonoriented. Upon expanding
in spherical Hermitean polynomials, Hecke theorem
(6) imposes certain restrictions on the linear MEs. In
the axisymmetric case, it follows from (6) that

N _ 1
Koo = A8 9)

KB,IO,rl,Il = /\5,231,|5|1,|, (10)
that is, the MEs vanish if | # |;. Formulas (9) and (10)
state the Hecke theorem in matrix form. Hereafter, the

linear elements K7\ o0(ALY, 1) and Kgo (i, (A7)

will be called linear elements of the first and second
type, respectively.

2. PROOF OF THE GENERALIZED HECKE
THEOREM FROM THE RECURRENCE
RELATIONS

Let us show that, from the Hecke theorem for the
linear elements, one can easily find the conditions
where the nonlinear MEs vanish using recurrence rela-
tions (3) and (4). This statement will be proved in the
axisymmetric case by the example of MEs of first type
(9). First, we will take advantage of expression (4),
which relates matrix elements with variable indices r,

TECHNICAL PHYSICS Vol. 48
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r,, and r, but fixed I, I, and |,. Expression (4) can be
recast in the form

(p+ DK (T) = (i + DKy (T)
- 11
—E?—TiﬂK ()
dTd

Substituting r, = 1, = 0 into (11), we find, according
to the Hecke theorem, that

Kr'o = Gu(r, 1, )31,

(D =K ().

Gu(r, 11, 1) = (1 + DALy~ FR-T

(1) (1)
X /\r,rl,l - I'/\r—l,rl,l'

Then, substitutingr, =1 and |, = 0into (11) yields
K:;,Ill,z,o = Gy(r, ry, |)5|,|1,

where G,(r, r4, 1) is expressed through a linear combi-
nation of the functions G; .

Clearly, by consecutively increasing r, in this way,
one can find by induction the relationships
Kiro = Gr(f, T )81

rulry,

(12)

that is, any nonlinear ME vanishes if | # |, irrespective
of the value of r,. Thus, it has been demonstrated that
the collision operator retains the subspace related to a
certain Legendre polynomial P, not only on the linear
background but also on an arbitrary spherically sym-
metric background.

Now we turn to equality (3), which followsfrom the
invariance of the collision integral under shift of the
velocity u and relates MEswith variousl, |, and |l,. Let
us transfer the fifth term to the left (i.e., we determine

theME K;\ .\ ., = K[!\, \.)andtekeindicesl, 2
I5. Putting first I, =1 (I, = 0), we have

Kr1 I, 15,1 B(I

r3l5,12,0 !

K& |l1 lr:l B(|1)K:1I|1+1 o~ Y(ry 1)Kr1+1 I,—1,r,,0

With | = I; — 1 substituted into (13), the first gener-
alization of the Hecke theorem (see (12)) yieldsthat the
first and third terms on the right vanish and only the
second and fourth terms can be other than zero. With| =
[, + 1, only thefirst and third terms on the right can be
nonzero. For al other values of |, all the terms on the
right are zero according to (12). Thus, the MEs

K ', r,,1 €an be other than zero only in two cases:

1)Kr,l—1

| =1,-1, |=1I+1. (14)

Now we put |5, = 2in (3). Then, the following MEs
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rl-1

= r-1,1+1
Kr 1,11 K

rlyrp 1o

are present on the right:

K:;,I|1+1,r2,11 K:'l|+1,|1—1,r2,11 and K I|1 r,+1,0- Applying
inequality (14) to thefirst four of them, wefind that the
first and third MEs are other than zero only if | =1, or
| =1, + 2, while the second and fourth are nonzero only
if | =1, —=2or | =1I;. Thefifth ME can be nonzero only
if I =1, according to (12). Combining these conditions,
we come to the conclusion that the ME K:le (2 IS
nonzero only if

l,—2<l<l,+2, (-1)' = (-1)""° (15)

The second condition in (15) means that the parity

of | coincides with that of |, + 2. At I, = 3, conditions
for | arefound from (14) and (15). Increasing |, still fur-

ther, we can easily find by induction that, according to
the Hecke theorem for Iinear elements of the first type

(see (9)), the MEs K}’ , for 1y =1, are other than
zeroonly if

5T |1 T2,

l—l<l<l +1, (<) = (<1)"""2  (@8)

In the case of linear elements of second type (10),
the generalization of the Hecke theorem isperformedin
asimilar way. First, taking the fourth termin (4) asthe
desired one, we arrive at the relationship

Krrl = F(r,rl,r2!|)6|v|z'

r, 0,11,
Then, one can apply al the considerations concern-
ing the zeros of MEs if the third, rather than the fifth,
element in (3) is determined In this case, it is easy to

check that the MEs Kr I.r,1, & |1 <15 can be nonzero
only if
L—l<l<l+1, (-1)' = (<" @9
Combining (16) and (17) yields
=l sisli+l, (<) = ()" (9

The properties of MESs obeying (18) state the gener-
alized Hecke theorem (GHT) for nonlinear MEs.

Thus, from the Hecke theorem for linear € ements,
one provesthe GHT for nonlinear MEswith (3) and (4).
It should be noted that the vanishing of MEs that do not
satisfy the GHT conditionsaat |, > |, is a consequence of
the Hecke theorem for linear elements of the first type,
the vanishing of the same MEs at I; < |, is a conse-
guence of the Hecke theorem for linear elements of the
second type, and the presence of the corresponding
zeros at I, = |, is proved independently for linear MEs
of both the first and second types.

To conclude this section, we generalize the Hecke
results for the expansion of the kernel of linear Boltz-
mann operator (8) to the nonlinear case. This becomes
possible since recurrence relations (3) and (4) alow the
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calculation of nonlinear MEs Ki’lﬁ'wz,,z with largeindi-

ces. Indeed, since the set of spherical Hermitean poly-
nomialsiscompletein our case, we can write the kernel
of the bilinear operator in the form

I +1,
K(c, ¢, ¢C,) = M(c)z

I 1l =l =g, g,

x 'S, 1a(C)POOKE . erS, a(cy)
X Py (X)€% 12(C2) Py (Xe)-

Here, X = c0s0O, x; = c0s@,, and x, = cos@,. Theangles
0, ©,, and ©, are those between the velocity vectorsc,
C;, and ¢,, respectively, and the z axis. The upper limit
of summation over | in (19) is set according to the GHT.

If the DF isexpanded in Legendre polynomialswith
expansion coefficients f(c), expression (8) has the gen-
eralization

1
gr1 Ilgr2 I,

(19)

I+,

1(f, f)—z z P(x)ﬂKH,

Iy, 1ol = Iz =1

f, (cy) fIZ(CZ)dcldCZ-

Here, T(f, f) isthe nonlinear Boltzmann collision inte-
gral. The kernels K:D|2 in this case are given by

| !
———9, 1»(C) K:l, I, |r2,|2(311

r1 |1 rals

KI = = M(c)c Z

1,0,
r I, v
X Sll+ uz(Cl)C22322+ v2(C2),

where o, , and o, , are normalizing factors for the
corresponding Sonine polynomials.

3. DERIVATION OF FORMULAS FOR MATRIX
ELEMENTS AND THE PROOF
OF THE GENERALIZED HECKE THEOREM
BASED ON KUMAR’'S RESULTS

Kumar [6] considered the moment representation of
the collision integral upon expanding the DF in com-
plex spherical Hermitean polynomials:

@#nl(c) = Jo,,c'SV() RO, ),

where

M o m+imy[ (21 + 1) (1 = |m|)17¥2
Y@, 0) = i)™ A

x P™(cos@)e™,

A.Ya. ENDER, LA.

ENDER

| +|m|
d—l-i-\ni(l COos @)

(dcosO©)

He noted that these polynomials are the eigenfunc-
tions of a quantum harmonic oscillator and showed that
the nonlinear MEs can be conveniently calculated with
the help of transformations first introduced by Talmi
[15] in the context of the shell model of the nucleus.

P™(cosO) = ( ) ( o)

Following Kumar and using for the most part his
notation, we write the expansion of the collision inte-
gra intheform

(e = WBLc) Y In (BGm (Bicy),

N, I3, My

where

1(B,) = p(cocpﬁ?: Y (B,cy)de,
= [f(fifs- f12)0n Y (B1C1)go(g, ©)dg de,dc,;

2 32
W(B, ¢) = EE—TD expt- Bz B ode = L

The product of two spherical Hermitean polynomi-
as in particle velocity before (or after) collision is
expressed through the sum of the products of spherical
Hermitean polynomials in center-of-mass velocity by
therelative velocity of colliding (bouncing apart) parti-
cles. The expansion coefficients in this case are the
Talmi coefficients

[ng, 4] [Ny 15]
O, (B1C) @, (B2C2)

LM (BNl 1mlD

[N L] 1]
) N,Z,MDnlm (Ba)olomi (FG)¢h " (vo).
nl,m

Here,

2 _ My 2 _ My
Bi= i3 B i

2 _ Myt My 2 _ m,m,
kT (m, + my)KT’

G isthe center-of-mass velocity, g isthe relative veloc-
ity, and m, and m, are the particle masses. Then, an
arbitrary expansion coefficient of the collision integral
IfTr:’ Y s represented as the sum of the products of the
integrals of the center-of-mass velocity and the inte-
grals of the relative velocities, the Tami coefficients
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entering only into the former. The integrals of therela
tive velocities have the form

Ry = e, o)len " (vg) - (ya)l

x @1 (yg)go(g, ©)dgdg.

Kumar also showed that if the particles are nonori-
ented (he analyzed only this case), three of thefiveinte-
grasin (20) can be taken and

N _ |
R2',I‘,mm' - Vn, n'6l,l'6m, m's

(20)

(21)
where

[

Vg = [W(Y: 9Ry (YO Ry 1(yg) (0 —0,)g’dg,

0,(9) = % Io(g, ©)P,(cosO)d(cosO),

and R, |(yg) is aradial function from the class of nor-
malized Laguerre (Sonine) polynomials.

The Kronecker symbols 9, 0, v in (21) appear
because of the spherical symmetry of the interaction

potential. As a result, the expression for I$j"3) By is
substantially simplified because it becomes shorter by
two summations.

(N3, 13)

From Kumar’sexpressionfor I,," ™ (B,), itiseasy to

imagine the form of the MEs in the case of expansion
in normalized spherical Hermitean polynomials;
namely,

LM 1(B1)nslzmd«
(B2)000 O

=3, 13, mg
Enl,ll,ml,nz,lz,m2 - O
N En'Im

nn,l,m (22)
LMI(B)nymO |
X nn-
Onlm [(B2)n2lomf]
Here, instead of K the symbol E isused to distinguish MEs
expanded in complex and rea spherical harmonics.

Talmi coefficients are other than zero if certain rela-
tionships between indices are valid. Specificaly, the
parity conservation law must be fulfilled; that is, the
Talmi coefficient

LMI(B)nglymO
Onim |(B2)nolomg]

is other than zero only if the parity of L + | coincides
with that of I, + |,. If so, from (22) it follows that the

—Ng, |5, my

ME En, 1, m,n,1,,m, Can be other than zero only if the
parity of I, + |, coincides with the parity of |5

-1 = (-1)".
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Further mathematics is based on the Smirnov for-
mula [16] that expresses Talmi coefficients through

well-known Clebsch-Gordan coefficients Cgypg -

AM, AM,

LM 1(Bo)nglym
1D = Z B)\CllmllszCLMlm'
A

(24)

Onim |(B2)nalomg]

It is essentia here that the coefficients B, do not
depend on the projections of the moments of m;, m,, M,
and m. The properties of the Clebsch—Gordan coeffi-
cients can be found, for example, in [17]. One of them
that corresponds to the law of conservation of angular
momentum projection implies that the Talmi coeffi-
cients can be other than zero only if

Mg =m;+m, = M+m.

To transform the first of the Tami coefficients in
(22), we will take advantage of the following properties
of the Clebsch—Gordan coefficients;

AM,

Cim00 = O 1,.0m, my» (25)

AMq I3mg
zCLMImCLMIm = 6)\,I36M0, m,- (26)
M, n

From (24), we have

LM (Bo)nglsmx _
(B2)000 O

% ~AMg AMg
\ Z B)\ Cl3m3OOCLMIm
On'lm A

= BE(N, ', N3, 0,L,1,15,0)Clyem.
Here, the arguments of the function B,*3 are explicitly

substituted into formula (25). From (22) and (24), we
cometo

=N, 13, Mg

En1,|1, ml,n2,|2,m2 = Zvln' n'Br;(Nv nlv n31 01 LlI 1|310)
A A |(27)
Mo Mo 3Ms
X z B)\(N’ n, Ny, Ny, Lvl !Il ’Iz)Cllmllzmzz CLMImCLMIm-
A M, m
Applying property (26) to thelast sum, one can sim-
plify expression (27) to

—ng l3,mg
ny, 1, my,ny, 1, m,

= Clmim, 3 Voo BE(N,7,05,0,L,1,15,0)  (28)
X B|3(N, n, n]_, n2, L,I ’|11|2)-

Thus, a nonlinear matrix element is proportional to
a Clebsch—Gordan coefficient with the same indices.
Note that the expression under the summation sign does
not depend on theindices m;, m,, and m;.

Formula (28) is one more approach to directly cal-
culating the MEs. Like al other direct formulas, it
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includes many summations, is extremely tedious, and
thus, inappropriate for calculating MEs with large indi-
ces.

Recall that initially the Talmi coefficients were used
in guantum-mechanical calculations, specifically, inthe
calculation of MEs within the shell model of the
nucleus. For quantum calculations with large indices,
one can invoke an analogue of the recurrence procedure
developed for the kinetic theory in this and earlier
works of the authors. Note that the proportionality of
nonlinear MEs to the Clebsch—-Gordan coefficients was
proved [17] based on theinvariance of the bilinear Bolt-
Zmann operator under rotation group SO (see (3)) (such
a procedure is valid only for centrosymmetric poten-
tials).

Let us turn back to formula (28). Owing to the fact
that the expression under the summation sign is inde-
pendent of the indicesm, m;, and m,, any three-dimen-
siona ME can be expressed through an axisymmetric
one:

I3mg
|1m1|2m2—n3y I3v 0
CI30 ny, 14, 0,n,,1,,0-
1,01,0

—Ng, I3, my _
ny, Iy, my,n,,l,,m, —

Itisobviousthat inthe axisymmetric case al indices
m vanish, complex and real harmonics coincide, and
spherical harmonics become Legendre polynomials.
Also, E with zero m, m;, and m, coincides with
Kn3,l3

ny, 1y, Nyl

up to the normalizing factor.

It is well known [18] that, according to the rule of
vector summation, the Clebsch—Gordan coefficientsare
other than zero only if they meet the “triangle” condi-
tions:

||1_|2|S|3S|1+|2. (29)

Hence, three-dimensional MEswill be nonzero only
if the triangle conditions are met. In the axisymmetric
case, which is of interest to us, property (29), together
with parity conservation law (23), states the GHT
(see (18)).

In the particular case of Maxwellian molecules,
MEswere considered in [19-21]. In the first two works
cited, where the Fourier transformation is applied to the
Boltzmann equation, formulas for directly calculating
nonlinear MEs were derived. In [21], formulas for cal-
culating axisymmetric nonlinear MEs are derived with
the a—u representation, calculationsfor very large indi-
cesare performed, and tables of elements calculated are
given.

It is of interest that, in the case of Maxwellian mol-
ecules, not only those MEs vanish to which the GHT is
applied but also those for which the conditions

| =0, n=0012,..
are fulfilled [22].

b, =1, =2n+1,

A.Ya. ENDER, I.A. ENDER

CONCLUSION

It is important that the rotation group and the
orthogonal invariance of the kernel are used only when
the GHT is stated for linear MEs. When the GHT is
proved for nonlinear MEs, relationships (3) and (4) are
used. These relationships are universal and follow from
the invariance of the callision integral in terms of basis.
When the basis is changed, only the temperature and
velacity (shift) of the weighting Maxwellian change.

The GHT not only placeslimits on the range of non-
zero MEs but aso allows one to establish additional
relations between MEs. From the GHT and universal
recurrence relations deduced in this paper, it follows
that any linear axisymmetric ME K[| , | can be
uniquely determined from given isotropic linear MES
Kr 00 O Kgor,o [22]. For these linear elements,

simple analytical formulas were given in [2]. An ago-
rithm allowing the ssimple calculation of any linear axi-
symmetric ME was developed in [22]. Such MEs are
proportional to integral brackets[23], with which trans-
port coefficientsin the classical kinetic theory of gases
are calculated. Thus, the GHT can ensure a great step
forward in the transport theory.
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Abstract—We devel op a systematic approach to cal culating the electrostatic force between point chargesin an
arbitrary domain with arbitrary boundary conditions. When the boundary is present, the simple expression for
theforce acting on acharge as “the chargetimesthefielditisplaced in” becomesill-defined. However, thisrule
can be salvaged if the field in question is redefined to only include all terms that do not diverge at the charge
position, in particular, those due to the charge itself. The proof requires handling the self-action energy diver-
gence for point charges, which is accomplished by means of a geometrical regularization. © 2003 MAIK

“ Nauka/lInterperiodica” .

I. INTRODUCTION

It is triviad to determine the force exerted by an
external field! on a point charge in an otherwise empty
space: by definition, “the force is equal to the charge
timesthefield it is placed in.” In particular, if the field
in question is created by some other point charges, this
rule, known by many from high school, still holds.

However, the situation changes drastically when a
set of point charges creates the field inside an arbitrary
domain with a boundary of some physical origin
(reflected in the appropriate boundary conditions). Now
the very notion of “the field the charge is placed in”
becomes ill-defined. For example, a naive treatment of
a single-charge problem might lead one to the entirely
wrong conclusion that, sincethe entirefield in the prob-
lem is due to the charge itself (there are no other
sources!), “the field it is placed in” is zero, so thereis
no force at all.

A dlightly more sophisticated physicist would argue
that only that part of the field which diverges as 1/r?
near the charge is really created by it, while the rest is
due to the boundary conditions, which represent math-
ematically the rearrangement of other physical charges
at the boundary. Therefore, it is precisely what remains
after subtracting the singular part that now gives “the
field the chargeis placed in.” Unfortunately, such treat-
ment leaves one in a somewhat awkward position of,
first, calculating potentials and fields rigorously and,
then, lowering the plank and using hand-waving argu-
ments to derive forces from them. It is aso not clear
whether the conjecture about which part of the total
field contributes to the force is always valid.

Ln fact, the word “external” means that the field is produced by
some independent sources, and the boundaries, if any, are far
away from the charge.

*This article was submitted by the authorsin English.

Thus, it seems appealing to show that the physical
arguments can be backed by an accurate mathematical
proof demonstrating that the adjusted rule, “theforceis
equal to the charge times the part of the field that does
not diverge at the charge'slocation,” is either universal
or limited by certain conditions. To do this, one should
turn to the most fundamental energy conservation argu-
ment which gives the force as the negative gradient of
the energy in the charge’s position. This approach aso
does not turn out to be straightforward, since the energy
is infinite in the presence of point charges due to their
self-action.

Perhaps because of these difficulties, as well as the
misleading apparent simplicity of the problem, our lit-
erature search, which encompassed, in particular, [1-10]
and many other books on the subject, revealed no ready
result (except in [6], which we discussin Section 4). So
we give a careful derivation of the general expression
for the force on point charges in this paper. It consists
of the regularization of the problem, calculation of the
force from the (regularized and finite) energy, and then
taking the singular limit. The result agrees with on€e's
intuitive expectations.

I1. ELECTROSTATICS PROBLEM WITH VOLUME
POINT CHARGES: POTENTIAL AND ENERGY

Consider an arbitrary three-dimensional domain D
with a perfectly conducting boundary S and some N
point electrical charges inside. The electrical potential
Y(r), in this case, is determined by the following
Dirichlet boundary value problem (we use S| units
throughout the paper):

N
Ay =—£—10_Zqi6(r—ri), oD, (1)

i=1

Wls = 0. )

1063-7842/03/4802-0146%$24.00 © 2003 MAIK “Nauka/Interperiodica’
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Here, r = xe, + yg, + ze, is the vector radius of a point,
andr; =xe +Yg, + ze, specifiestheith charge position,
with ea O =X, Y, , being theunit vectorsin thedirection
of the corresponding Cartesian axes.

By the superposition principle, the potentia i(r) is
merely the sum of the potentials induced by each
charge separately,

() = kY 4Gy, ®

i=1

=K Xq[n

wherek = 1/41g, and Gg(r, r;) isthe regular part of the
Green's function G(r, r;) of the corresponding bound-
ary value problem [set g, =1, g = 0,1 #j in Eq. (1)].

Both functions are, of course, symmetric in their argu-
ments,

G(r,ry) = G(rj,r), Gg(r,r;) = Gg(rjr). (5

Furthermore, we can rewrite Eq. (4), splitting the
potential in asum of its singular and regular parts,

N

R GIDIC

W) = kY e el ©)
j=at !
WD) =K Y GiGK(r,T)), ™

j=1

where Pg(r) isaregular function satisfying the Laplace
equation everywhere in D [by continuity, thisholdsalso
at any regular point? of the boundary S, although thisis
irrelevant to our discussion]. Note that both the poten-
tial ¢ and its regular part Yy actually depend on the
positions of the chargesr;, aswell as on the observation
point r, which is reflected in the full notation

Wr)=W(r,ry, ..., r, .., ry), (8
Wr(r) = Pg(r, rq, ..., r; NEYE 9)

We assume that the potentlal is known, and we are
interested in finding theforce F' acting on the charge g;.
From the energy conservation for the considered prob-
lem, the force is given by (cf. [6])

0 0 0 d d

R MU T A A VA A FA

where W, is the energy of the field in the volume D,

W, = 8—20 [(Vw)av.
D

(10)

(11)

2We alow for boundary singularities, such as sharp edges and
spikes, provided that the Meixner-type finite energy condition
[11] is satisfied near them; in particular, the domain D can be infi-
nite.
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Note that we alternatively write V or d/or for the gradi-
ent, whatever seems proper in a particular expression.

The problem is, however, that the above integral
obvioudy diverges due to self-interaction of the point
charges (the energy of asingle point charge isinfinite).
We are going to show that even though the energy for a
given point charge distribution isinfinite, the difference
between itstwo values corresponding to any two charge
configurations is finite (for an arbitrary boundary
shape) and goes to zero when one charge distribution
tends to the other. Hence, the force is also finite, in
accordance with common intuition. The situation with
energy hereis similar to the one arising in the calcula-
tion of the Casimir effect [12], which also requires
some generalization.

[1l. REGULARIZED ENERGY AND THE FORCE
ON THE CHARGES

We surround each volume charge ¢ by a small
sphere S of radiuse; wewrite D for theball insideit.
We define D¢ as D without all domains D, and S asa

union of Sand all spherical surfaces S (seeFig. 1). In

effect, S isthe boundary of the domain D¢ and D¢ —
D,S — Swhene — 0.

Using Eq. (10), we may now define the force acting
on the charge g; as

IlmF —lim —Q—WD,

€ - 6406 (12)

where Wy, isthe regularized energy, that is, the energy

of thefield in D¢, which isfinite. It isimportant to note
the order of operationsin Eq. (12): first, take the gradi-
ent of the regularized energy in the charge position,
then, take the (singular) limit. In principle, we also have
to show that the final result does not depend on the reg-
ularization chosen, but this task is not easy. We will
return to this problem briefly later in this paper.

Inview of Eq. (11) and the fact that the total poten-
tial given by Eq. (3) or Eq. (6) isregular in D¢, the reg-

Fig. 1. Volumes, surfaces, and normal directionsinvolved.
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ularized energy is

=3[V v (13)

J’llJaLIJdA— ! [wipav, (14)
],

where n is the direction of the outward normal to §

(and thus the inward normal to the spheres S). For an

infinite domain D, it is assumed here that the potential
and its gradient drop at infinity fast enough to make the
contribution of integrating over the sphere of a large
radius vanishing in the limit, an assumption which has
to be verified in each particular case.

Since Y is harmonic everywhere in D¢, the volume
integral on the right of the previous equality vanishes;
the remaining surface integral is represented as

W = ZJ'anquA So aLIJolA (15)

and then, because of the boundary condition, Eqg. (2), as

(16)

We are ultimately interested in the limit e — 0, sO
we need to calculate only the quantities which do not
vanishinthislimit. The area of integration in each term
of the above sum is O(e?); therefore, we need to keep
track of the integrands that grow at least quadratically
in €. Bearing this in mind and using Eq. (6) for the
potential, we can write the surface integral in Eq. (16)
as

oy k0 KGO
ILIJ dA ,[|r—rk|anE|r—rk|DdA
K (17)
KQ; |0 KGO
+J’{wR(r)+. Z Tr anqr_rklmdA+O(e).
s j=1j#k

Thefirst term in the above expression is, in fact, the

regularized self-energy of the kth charge, Wy, o . Per-
forming elementary integration, we immediately find
that

2 2
Wi st = §9K24T[qk = ﬁg‘k
: 2 € 2e
Theonly feature of the regularized self-energy given
by Eq. (18) that isimportant for our derivation isthat it
does not depend on the position of the charge q,, i.€., on
the vector radiusr,.

(18)
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The second term of the right-hand side of Eq. (17)
can also be simplified if one notices that both Y and
Ulr —r|,j 2k areregular on S, andin D, . Therefore,

€

their change within the small surface S, is of order e.
Thus, Eq. (17) may be rewritten as

N
S i
Ire—=r|

j=1jzk

%)Iwa dA = Wy @ + 5 |:qJR(rk)

x féa‘ 0 X% Dga + 0e)

nr —r J0 (19
S

N

K .

= W se|f+ | Wa(ry) + Z S +0O(e),

- re=r]

=1 j#k

and the integration here yielding the factor 4rtis again

elementary. This asymptotic equality may be differen-

tiated in r; with the same estimate of the remaining
term.

Introducing now the previous expression into
Eq. (16), we obtain

SWarsy 3

k=1j=1,j%k

W =
Ir; —rk|

. (20

%z GR(r) + Oe).

Equation (20), initsturn, isinserted in Eq. (12) for
the force; as shown, the self-energies do not depend on
the charge positions; hence, although diverging in the
limit e — 0, they do not contribute to the force. The
rest is pretty straightforward, except that one has to be
careful when differentiating the last term on the right of
Eqg. (20) with k=i: asis seen from Eq. (8), in this case
r; stands for two (and not one') arguments of g,
namely, Wg(ri) = WYx(ri, rq, ..y iy ..., I'y), and both of
them haveto be differentiated. Bearlng thisin mind, the
expression for the force finally becomes

N
1 9 9
1 kzlqka—rin(r)h:rk+qia_rq;R<r)|_rl

21
N r r ( )
_ i~k
= KQ; z Ok
k=1k#i |ri_rk|
TECHNICAL PHYSICS Vol. 48 No.2 2003



ON THE INTERACTION OF POINT CHARGES

N
1 0 d
_é[kzlqkér—in(r)lr . qia—r-l]JR(r)|r =r},

Thisisthe general result for the el ectrostatics which
can be transformed further. Indeed, the direct substitu-
tion of the expression for Y from Eq. (6) into Eq. (21)
provides the force in the form

[zqkar Gl 1) <, zq,§ Gl 1), - r}(22)

j=1

Ok

and herewe have used the symmetry property of Eq. (5)
to obtain the second equality. To make the result even
more physically transparent, we rewrite Eg. (22), inits
turn, in the following way:

F Kq.VDZQk[ 1 |+G r(T, rk)i|

—“ﬁ—wa AV W)~ J

Note that the last expression, indeed, coincides with
our intuitive conjecture about the form of the force.

(23)

IV. DISCUSSION

Our first remark on the expressions for the force in
Egs. (21)—(23) is that for the charges in a free space
(volume D is the whole space, no boundaries are
present), apparently, Gg(r, r) =0, Yg =0, and the clas-
sical Coulomb formulafor the force is restored.

Next, Eqg. (23) shows that the rule “the force is the
charge times the field it is placed in” does work if one
counts the regular part of the field produced by the
charge in question as a part of the “ field the charge is
placedin.” It also allowsfor acertain “minimal princi-
ple’; namely, to get the right answer for the force, one
should remove from thefield only the part which other-
wise makes the result infinite, and nothing beyond that.
Aswe mentioned in the Introduction, this result is sup-
ported by physical intuition. It becomes even more
obvious if one notes that the singular part of the field
removed isradial, and aradial field produces no force.

The contribution of the regular part of the field cre-
ated by a charge to the force acting on it is especialy
important in the case of asingle charge, as one may see
from the simplest example of a charge near a conduct-
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ing plane. It isprecisely theregular part of thefield pro-
duced by the charge in question (equal to thefield of the
image charge) that gives the whole answer when no
other charges are present. Finally, an important ques-
tion is how robust our regularization of the problemis,
i.e., whether the result for the force changes or not if
one uses a different regularization. There are two sig-
nificant points demonstrating such robustness.

Thefirst one is concerned with the geometrical reg-

ularization that we used. If one chooses domain Dy
around g, to be not a ball but some differently shaped

volume bounded by a smooth surface S; (“topological

ball”), then it is not difficult to see that all the termsin
Eq. (20) for the regularized energy remain unchanged,
and, hence, our result for theforceisstill valid. Thiscan
be demonstrated in exactly the same way as above, only

the computation of the integral over the surface S, in

Eq. (19) requires a well-known result from potential
theory (cf. [13], n. 193, or [14]).

As for the first integral on the right of Eq. (17),

which defines the self-energy W &, its explicit
expression is not required, and its only relevant prop-
erty, namely, its independence of r,, is obvious.

An alternative way of regularization, so widely used
during the whole “pre-Dirac delta-function” era, is
physical regularization, where the point charge gy is

replaced, within asmall volume D, , with some smooth

charge distribution of the density p, (k) and the same

total charge q,, and € is taken to be zero in the answer.
From atechnical point of view, this approach provesto
be more complicated in this particular case, but it leads
again to the same terms in Eq. (20) for the regularized
energy. The key point hereisto start with the following
expression for the regularized energy,

Ip pav = ZZkade

Dk
and then, instead of Eq. (3), split the potential into a

sum of volume potentials of py(r) over Dy (which
becomes singular in the limit) and a regular addition
WR().

In particular, this regularization is used by Smythe
in Section 3.08 of [6] for calculating the force on asin-
gle point charge in a domain with zero potential at the
boundary. In that work, derivation is at the “physical
level of accuracy” and the answer is not brought down
to its physically most relevant form of Eq. (23). More-
over, thefinal answer [right-hand side of Eq. (2) in that
section] is, unfortunately, formally diverging because
of the inappropriate use of the notation for the total
potential in the place where its regular part should be.

(24)
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Finally, we want to end our discussion by mention-
ing that the el ectrostatic problem we just solved, aswell
as its generalizations (see Section 5), involve only vol-
ume charges. On the other hand, magnetostatic prob-
lems that deal, for example, with magnetic fluxes
trapped in superconducting media (cf. [15]) giveriseto
surface charges. Analysis of these is of extreme impor-
tance for modern experimental physics [16]. No easy
solution for the force between surface charges should
be anticipated since the details of the boundary shape,
such as its curvature, are expected to play arole; the
interaction of such surface charges will be discussed
elsewhere.

V. GENERALIZATION: OTHER BOUNDARY
CONDITIONS

We can now generalize our result for other condi-
tions at the boundary.

A modest but potentially useful generalization may
be applied to the case of electrodes, where an arbitrary
distribution of the potential V(r), and not just a zero, is
specified at the boundary:

Ylg = V(r), rOS (25)
Let us split the potential in two,
p =P +y®, (26)

inwhich thefirst is caused by point charges without any
voltage applied to the boundary, and the second is
entirely due to the boundary voltage. Therefore, Y@
satisfies the boundary value problem of Egs. (1) and (2),

N
s = 25 qa(-r), 10D (@)
80i=l

WYs = 0. (28)

According to what was proven above, theforceon a
charge from the field specified by the potential Y@ is
given according to Eq. (23),

[ KQi
Fly = —qu[w(”(r)—F—_gr—_'} @
On the other hand, the potential Y@, satisfying
ap? =0, rob; ?s=v(r), (30

describes a field external to all point charges, since it
does not depend on them and their positions. Therefore,
the force exerted by thisfield is

I:i(2) = _quqJ(Z)(r)lr =r"

Using the superposition principle, we add these two
forces to reinstate the result of Eq. (23) in the consid-

(31)

SILBERGLEIT et al.

ered case:
F' = Fly+Fly = -qiv[q;(r)-lr"_q‘rid 32)
The mixed boundary conditions
wg=wn,%%%=ao, (39)

wherethe surfaces S;, S, are nonintersecting (S, n S, =
) and comprise thewhole boundary (S, 0 S, = ), and
V(r), o(r) aregiven functions, |ead to the same standard
result for theforce[Eq. (23)] without any new technical
difficulties. Indeed, we split the total potential intwo as
in Eq. (26) and require that

N
oW = Ly asc-r. oD (@
oy
(1)
p?s = 0, oy =0 (35)
on |s,
and
Ap® =0, rop; (36)
2
W5 = V(r), g,V ‘ = o(r). (37)
on |s,

The derivation of the force from Y@ is performed
exactly asin Section 3 and leads to Eq. (29). The field
that is external to the charges from Y@ produces the
force of Eq. (31), so by superposition the total forceis
again the same asin Eq. (23) [or Eq. (32)].

The appropriate splitting of the potential into two
parts[Eq. (26)] is somewhat more difficult for the Neu-
mann boundary condition,

g,V

= o(r),lc(r)dA+Q =0, Q= Zq,-; (38)
S i=1

namely, the solvability criterion (the total charge must
be zero) requires that, when splitting the potential,
another charge Q (equal to the sum of the point charges
;) be added and subtracted at some point rof the
domain D to obtain

Al]J(l) = _E_];,[z a;io(r —r,) —Qd(r —r*)},

(39)
r,r,r, dD;
oyl - g, (40)
on |s
TECHNICAL PHYSICS Vol. 48 No.2 2003



ON THE INTERACTION OF POINT CHARGES

aswell as

Ap®? = —gé(r —ry), r,r,0D; (41)

= o(r)

(42)

o)
£,9¥
on

with both problems solvable. Again, the derivation of
the force from Y@ satisfying the homogeneous bound-
ary condition is performed exactly as before and leads
to Eq. (29), the field Y@ external to the charges exerts
the force given in Eq. (31), and the result of Eq. (23)
holds by superposition. The problem itself, though, is
not too realistic, except for the case of an insulated
boundary, a(r) = 0.
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Abstract—In the approximation quadratic in the amplitude of an arbitrary initial deformation of an equilibrium
spherical uniformly (volumetrically) charged drop of a dielectric liquid, an analytical expression for the drop
surface generatrix as afunction of timeis derived in the case when the drop shape executes axisymmetric vibra-
tions. A condition that must be imposed on mode frequencies in order for resonant interaction between modes
to take place in the quadratic approximation is found. It is shown that many resonances, rather than one known
previously, are realized when the self-chargeisinsufficient (subcritical) for drop surface instability against self-
chargeto arise. Nonlinear two- and three-mode resonant interactions are studied. © 2003 MAIK “ Nauka/Inter-

periodica” .

(1) The nonlinear capillary vibration of charged
dropsisof considerable interest in avariety of areas of
science and technology (see, eg., [1-11] and Refs.
therein). However, because of the cumbersome analyt-
ical calculations, many aspects of the nonlinear vibra-
tion of charged drops are as yet little understood. The
issues that remain poorly studied are, for example, the
so-caled trandational instability of drops, which shows
up when several neighboring modes arise in the mode
spectrum excited at theinitia timeinstant [11]; internal
nonlinear resonant interaction between different modes
of the capillary vibration of the drop [1, 8]; and the
effect of the charge distribution over the drop volume
on nonlinear vibration. In thiswork, we solve the prob-
lem of a nonlinearly vibrating uniformly (volumetri-
cally) charged drop of a dielectric liquid, separate out
resonances arising in the case of a subcritical (in terms
of linear instability) charge, and analyze the solution in
the vicinity of typical resonances.

(2) Consider the time evolution of the shape of a
spherical drop of an ideal incompressible dielectric lig-
uid with a density p, surface tension coefficient ¢, and
permittivity €4. We assume that the drop of radius Ris
in avacuum and that itstotal charge Q isuniformly dis-
tributed over the volume with a constant charge density
Mg At the time instant t = 0, the equilibrium spherical
shape of the drop undergoes an axisymmetric perturba-
tion of fixed amplitude, the perturbation being much
smaller than the radius of the drop. Our aim is to find
the spectrum of arising capillary oscillations (i.e., the
shape of the drop) for t > 0.

Let us assume that the drop is axisymmetric at any
time instant. Then, in the spherical coordinate system
with the origin at the center of mass of the drop, the

equation describing the surface of the drop in dimen-
sionless variableswhere R=p = { = 1 hasthe form

r(e,t) = 1+&(0,t), (& < 1. D

The flow inside the drop is assumed to be potential.
Inthiscase, thevelocity field inthedrop V(r, t) = Vy(r, t)
is completely defined by the velocity potential function
Y(r, t).

The set of equations for drop shape evolution con-
sists of the Laplace equations for the velocity potential
Y(r, t) and external electrostatic potential @ (r, t), as
well as the Poisson eguation for the internal electro-
static potential ®;(r, t):

Ay(r,t) = 0, 2

Uq

AD(r,t) = 0, AD(r,t) = —4n (©)]

where A is Laplacian.
The boundary conditions are as follows:

r —0: Y(r,t) —0; (4)
r—o: VO,(r,t) —0;

r—0: Vo, (r,t) <oo; ®)

=g R =SB @
Bp =22~ 2(VU)’ ~ i@+ (4~ 1) (VO,,)’
ety ™
d™— — A .
BT, ~————(n DVCDeX) = divn;
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CDex = (Din; (8)
(NnIVP,) = g4(n [V D;). )

We also introduce the obvious conditions of center-
of-mass immobility and conservation of drop volume:
2 0 4
r‘drsn@dedep = -,
J ?=3 (10)

v
v =[0<sr<1+§(0,1),0=s0<1, 0<0<2m;

J’er [rdr in@dedg = 0,
(12)

4
v = [0sr<1+§(0,1),0c0=<sm 0<p<21].

Note that conditions (10) and (11) have to be satis-
fied at any timeinstant, including theinitial one. There-
fore, at t = O, they define the amplitudes of the zero and
first modes in the expansion of the initial perturbation
&(©) of the equilibrium spherical shape of the drop in
Legendre polynomials. In other words, the amplitudes
of the zero and first modes cannot be arbitrary: they
depend on the initial deformation.

The initial conditions are set as the initial deforma-

tions of the equilibrium spherical shape of the drop and
asthe zeroinitial velocity of the surface:

t = 0:&8(0) = &Po(H) +&:P1(1) +€z hiPi(W);
iD= (12)

= Z h, =1,

i0g=
where = is a set of the numbers of initially excited
vibrational modes and |1 = cos©.

In (6)—(12), Apisthedifferencein the constant pres-
sures inside and outside of the drop in equilibrium;
n, the unit normal vector to the surface defined by (1);
€, theamplitude of theinitial perturbation of the surface
shape (small parameter of the problem); P;(), ith-order
Legendre polynomials; h;, coefficients specifying the
partial contribution from an ith mode to the total initial
perturbation; and &, and &, constants that are deter-
mined from conditions (10) and (11) at the initial time
instant and are given by

08 (

2

2 h
E,=—¢ iz:(Zi +1)+

9|hI .h
Z (2|

1)(2i +1)
up to second-order infinitesmalsin €.

In Egs. (3), (5), (8), and (9), the electrical chargeis
assumed to be“frozen” intheliquid, i.e., uniformly dis-
tributed over the drop volume with a constant volumet-
ric density p, = (3Q/4m).

O(e®);

(13)
+0(€%)
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(3) To solvethe problem posed, wewill usetheclas-
sical method of multiple scales. The desired functions
&(0, 1), Y(r, t), Pg(r, t), and d;,(r, t) are expanded in
the power seriesin the small parameter € that are con-
sidered as functions of various time scales (rather than
merely of time t) defined via the small parameter e:
T,=€M t. Then,

g0, = Y €™M0, To, Tu);
m=1

W(r,t) = Z e"y™(r,®, Ty, Ty);
m=1 (14)

Bo(r,t) = Y £"OL(r, 0, To, T
m=1

,.(r,t) = Z e"o™(r, 0, T,, Ty).

m=1

The hydrodynamic part of the problem is solved in
a similar way as the problem [9, 10] of the surface
vibration of a charged drop of a perfectly conducting
liquid. The only difference is requirement (11) that the
center of mass be stationary at any time instant, which
eventually definesthefirst mode amplitude (see (13)) in
expansion (12) and the time evolution of the first mode
(see (19) and (32)). The electrical part of the problemis
considered at length in Appendix A.

We will restrict our analysis by the second-order
approximation to find the desired parameters as a func-
tion of two time scales T, and T; .

Substituting expansions (14) into set (2)—«11) and
equating the terms with the same powers of €, we arrive
at aset of boundary-value problemsfor €™, wm o™

and ®{™ .

It is obvious that each of the functions W™, o
and dJi(;") must satisfy linear equations (2) and (3). Note
only that owing to the model of frozen charge, the
potential dJi(r?) is the solution to Poisson equation (3),
while @ and ®? are found from the homogeneous
L aplace equation.

In the zeroth approximation, wewill cometo asolu-
tion for an equilibrium spherical dielectric drop with
the easily calculable electric potentials of zeroth order

of smallness ®'” and ®¥ (see Appendix A).

(4) Solutionsto Egs. (2) and (3) for the functions of
first and second orders of smallness that satisfy bound-
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ary conditions (4) and (5) can be written in the form
Y (r,0,T,,T,) = S (To. TOrPy(); m = 1,2;

n=1
®(r 0, To, T) = 5 Fi *(To, TOr " OPy();(15)
n=0

O (r,©,To, Ty) = 5 Fi(To, TOr"Pa(h).
n=0
Successive corrections to the equilibrium surface of

the drop are al so represented as expansionsin Legendre
polynomials:

Xi™(©,To. TY = 5 Mi"(To, TYPA(W);
n=0
m=1,2.

Substituting solutions (15) and (16) aa m=1linto a
set of first-order boundary conditions that is derived
from (6)—9), we come, after appropriate rearrange-
ments, to differential equations for the coefficients

M (T, T):

(16)

24 4(1)
M To T4 o2mP(r,, Ty = 0
0T,
. Q
w,=n(n—=1)[(n+2)-Wk,(n,gy)]; W = 4_T[; a7

ne; —(2n—5)gy+ (n+ 1)
gq(ngg+n+1)

Ki(N, &q) =

A solution to Egs. (17) is harmonic functions with
coefficients dependent on thetime T;:

MO(T,, Ty = AYT ) exp(io,T,) +c.c; n=

2;
(1) (1) (D) (18)
Ay (Ty) = a, (T exp(ib, (Ty))

(hereafter, “c.c” means terms complex conjugate to
written terms), where a® (T,) and b{” (T,) are red
functions whose dependence on T, can be found only
after the problem of the next order of smallnessis con-
Sidered.

From conditions (10) and (11) written in the approx-
imation linear in €, it follows that
Mo (To, T1) = 0; Mi’(To,T) = 0. (19
Note that expressions (19) formally do not contra-
dict Egs. (17) forn=0and 1.
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Satisfying boundary conditions (12) in the first
approximation in €, we obtain

a™(0) = 3n; b(0) = 0; iDZ;
(20)

aP0) = 0; bl"(0) isarbitrary; nOZ.

Substituting first-order solutions (18) and (19), as
well as solutions (15) and (16) with m= 2, into a set of
second-order boundary conditions that is derived from
(6)—(9) and performing much more tedious rearrange-
ments, we arrive at an equation for the coefficients

2 .
M, (To, Ty):

2, 12(2) (1)
M (T,, T _dAM(T
I My (To T) (20’ ) 4 EMO(T, Ty = —2ico, 2 (1)
oT dT,

xep(anTo) + S S {Yim + AW Mimd A“)croAEi()gl))

Il=2m=2
x exp[i(w| + wm)TO] + [YImn_wIwmnImn]

x AT AY(T,) expli(w —0,) Tol} +c.c,

Hereafter, the bar means complex conjugation. The
expressions for vy, and N, are given in Appendix B.

According to the genera procedure [12], a uni-
formly suitable solution to Eq. (21) is found if terms
responsible for secular terms and small-denominator
terms in corresponding solutions are eliminated from
the right of (21) by appropriately choosing the func-

tions AE,l) (T). The condition for eliminating these
terms makes it possible to determine the form of the

functions Af]l) (Ty), i.e., the dependence of the first-

order solution M,(f) (To, T) onthe“dow” time T,;.

Recall that in a partia solution to inhomogeneous
equation (21), the termsin the inhomogeneous function
that vary in the time scale T, with a frequency equal to
the eigenfrequency wy, of a solution to the correspond-
ing homogeneous equation cause defects like secular
and small-denominator terms.

(5) Fromtheright of (21), it followsthat if one of the
relationships

W+ W, = W; W,—W, = Wy (22)
isvalid for three vibrational modes with numbers p, g,
and k, these modes are resonantly coupled. In this case,

so-called secondary Raman resonance takes place.

It should be noted that, according to (17), the eigen-
frequencies w, of drop vibration depend on the permit-
tivity €4 and drop charge (parameter W). At the critical
value of W, W,, = 4/k4(2, &), the vibration frequency of
the fundamental mode (with n = 2) vanishes, indicating
that the drop loses stability. This means that secondary
No. 2
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resonances may appear only if relationships (22)
remain true at W < W, In[1], one such resonance was
found in the case wg = 20;.

Numerical calculations by formula (22) show that a
greater number of secondary resonances may be
excited in the drop. The values of W for which therela-
tionship w; = w, — w, ismet at different p and g smaller
than 10 withey=5and W, =4.483 arelisted in Table 1
and with €4 = 1000 and W,, = 4.004, in Table 2. Similar
datafor the relationship w, = w}, —w, arelisted in Tables 3
and 4. Note that in the formal limit ¢, — oo, @l the
solutions obtained are reduced to solutions of a similar
problem for a perfectly conducting drop with a total
surface charge Q. Therefore, the datain Tables 2 and 4
for €4 = 1000 should be considered to be valid for acon-
ducting drop.

In the subsequent analysis of Eq. (21), we will con-
sider the situation where modes p, g, and k obey the dif-
ference relationship w, — w, = wand p>q. Clearly, the
resonant sum is obtained from this difference relation-
ship by transferring the frequency wj to the right-hand
side of the latter and permutating p and k.

L et us consider separately four possible cases: n Zk,
p, g; n=k; n=p; and n = g. For each of them, the con-
dition for eliminating secular and small-denominator
terms from a solution to (21) is different.

For n £k, p, g, when the mode n isresonantly uncou-
pled, this condition has the simplest form:

dA(T) _

0.
dT,

Using expression (18), where Arﬂl) (Ty) is expressed

through the scalar functions a,(f) (T) and b,(f) (T, and
requiring the real and imaginary parts to vanish, one
easily finds from the above equality that

day’(Ty) _ dby(Ty) _

dT, dT, 0.

This meansthat a'” and b" do not depend on the
slow time T, and therefore can be considered constant

and equal to their initial values (20) in the second-order
approximation. Expression (18) for the small-order

coefficients M E,l) (t) in the expansion of the equilibrium
surface disturbance EM(G, t) in Legendre polynomials
takes the form
MP(t) = 8, hicos(wt); i0Z; nzk p,q, (23)

where &, ; is the Kronecker symbol.

When analyzing Eq. (21) for modeswithn =k, p, or
g, we introduce the detuning parameter o O(1) defined
as

W,— W, = Wy+ED

in order to underline the closeness of w, — w, to .
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Table1. Modenumbers (g, p < 10) excited at theinitia time
instant and the values of the parameter W related to the drop
charge for which the resonant buildup of the third mode takes
place (4= 5, W, = 4.483)

£4=5, W, = 4.483

q p Q

4 5 4.355
5 6 3.867
6 7 3.361
7 8 2.847
8 9 2.328
9 10 1.807

Table2. Thesameasin Table 1 for g4=1000 and W, = 4.004
€4 = 1000, W,, = 4.004

q W

4 5 3.623
5 6 3.210
6 7 2.785
7 8 2.356
8 9 1.925
9 10 1.493

Table3. Thesameasin Table 1 for the buildup of the fourth
mode

£q="5, W, = 4.483

q p Q

3 5 4.355
4 6 3.248
5 7 2.018
6 8 0.750

Table4. Thesameasin Table 2 for the buildup of the fourth
mode

g4 = 1000, W, = 4.004

q p w

3 5 3.623
4 6 2671
5 7 1.651
6 8 0.612

Then, the right of (21) will have terms containing
the factors

exp[i(wp_wq)TO]
= exp[i(wy +€0)To] = exp[ioT,]exp[iwTol;
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expli(wy + wg) To

= exp[i(wp—so)To] = exp[—ioT,] exp[ioopTo];
exp[i(w, — ) Tl

= exp[i(ooq+scr)T0] = exp[ioT,] exp[iohoO]

for the respective cases, and the conditionsfor eliminat-
ing secular terms from solutionsto (21) for n =Xk, p, or
q, respectively, will take the form

~dA(T NI,
—2iwy dkT(l ) + A explioT] AP AP(TY) = 0;
- dAT(TY) LSRN D7\ A D)
-2 W,— = aT, + N &XP[HOT] AT (TYA; (T) = O;
dA(T &
~2iw, dT( ) pkqexp[|oT1] A(l)(Tl)A(l)(Tl) = 0;

/\(pi;q)k = (quk + yqpk) * wpwq(r] pgk + r]qpk)-

Equating the real and imaginary parts of (24) to zero
and introducing the new function

B (Ty) = aT. b (Ty), (25)
we come to a set of differential equations for the real
functions a{” (Ty), B (Ty), a5 (Ty), b (Ty), al” (T,
and b’ (T)):

dal’(T,) O ) &) @ :
szT = A& (Tal (T Sin[di(TI;
dB (T
20,8 (TP < 20,8070
1
+ Al (T)al (T,) cos[ b oy (T)]:
da(T . .
20, 2 = Al (T (T,) sin[0{3(T):
db™(T,)
20.a(T, ) ———Y
w2 (T) =g, (26)
= Apal(T)al(Ty) cos[ 0 (T
(1)
T .
207 = AT (T,) S0
db™(T))
(1) 1
2,3y, (Tl)-—-q(ﬁ—l-—

= AP (T)al (1) cos[bipy(To)]

Oion(T1) = BE(Ty) +bY(T,) b (Ty).
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Relationships (20) serve as initial conditions for
Egs. (26). From the condition that system (26) be con-
sistent at t = 0, we find that if one of the modes p, g, or
k is absent in the set = of initially excited modes, i.e.,
the amplitude of this mode equals zero at the initial
time instant, its phase is 172 and not arbitrary. Eventu-
aly, theinitial conditions for set (26) can be written in
compact form

(1)(0) =5

L2 BiP(0) = £(1-5, )1U2;

id=; j=knpq.

First-order coefficients in expansion (16) for reso-
nantly coupled modes p, g, and k will be written as
(see (18))

MP(t) = 2a”(et) cos[ (w, — 0,)t — B (V)] ;
M (t) = 2al’(et) cos[w,t + b (t)];
M (1) = 2al"(et) cos[wgt + b (et)],

(27)

(28)

SN IO PNORINCIING)
where the coefficients ay koo ay, byt ag,

bgl) are the solutions to set (26) with initial conditi-
ons (27).

Note that in the second-order approximation, the
resonant interaction between three modes is observed
only if at least two of them are present in the initially
excited spectrum, i.e., if their amplitudes are other than
zero a t = 0. The third mode, even with a zero initia
amplitude, will appear in the first-order vibration spec-
trum if its number meets the conditions that (for the
casep,qU =, kO=)p+qg+kisevenand |p—q|s k<
p + g, whi ch follow from the requi rement that the coef-

ficients Al Argp, and Af in (26) be other than
zero.

For £4=5and € = 0.3, thetime evolution of thefirst-
order amplitudes of the third, sixth, and seventh modes
(with W= 3.361) is shown in Fig. 1a and for the third,
fourth, and fifth modes (with W = 4.355), in Fig. 1b. It
is seen that the third mode, which was absent in theini-
tial disturbance spectrum, is excited by resonantly tak-
ing up the energy from the highest mode. Calculations
indicate that the variation of the permittivity €, affects
resonant mode coupling insignificantly.

Prior to presenting solutions to Eg. (21), we note
that for second-order calculations, it is sufficient to find

the dependence of the coefficients M{? (t) on the time

T,. Indeed, the neglect of the M (t) vs. T, dependence
(T, istheslow time) causes an error O(gt). In expansion
(14) for (O, t), thiserror produces an error O(e%t) and,
hence, does not influence the accuracy of the second-
order approximation within time intervals t O(1).
Because of this, when solving Eg. (21), we will assume
that all the functions in its right-hand side do not
depend on T, and equal their initial values.

qu 1
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Assuming that the partial solution to inhomoge-
neous equation (21) depends on T, in the same way as
its right-hand side and adding this solution to the gen-
eral solution to the corresponding homogeneous equa-
tion, we write the general solution to inhomogeneous
equation (21) for thecasen=>2; n# p, g, kin the form

MP(T,) = a?exp[i(a,To + b{?)]

+§ i{xf;ﬁn

|=2m=2

AP (0) AL (0) expli (0 + ) Tol (29)

+ A AP (0) AL (0) expli (03 — 03,) Tol} + c.cC.

Here, a? and b® are real constants that are deter-
mined from the initial conditions and the expressions

for )\|mn are given in Appendix B.
In the second-order approximation, initial condi-
tions (12) take the form
M(0) = —&84, 0= €18 1;
OMP(0) , OM;(0) _
0T, oT,
Substituting (29) and (30) into (12), we arrive at the

final expression for the second-order coefficients in
expansion (16):

(30)

MP(t) = Z Z h.h ,(fn)sn[ (oon+wi+wj)t}

i0zjo=

x sin[%(oon —o— w,—)t} + )\i(j‘,fsin[%(wn + o — ooj)t} (31)

xsin[%(oon—wﬁw]—)t}% n=2; n#p,q,k.

The time evolution of the zero (n = 0) and first (n =
1) modes is defined by requirements (10) and (11).
With (10) and (11) written in the second-order approx-
imation, we easily obtain

2

MP(t) = - Z T+ 1)(1 + cos(2wt));
(32)
MP(t) = O os(ant) cos(_st)
! Z(zu 1)(2i +1) ! e

It should be noted that expressions (32) are consis-
tent with general equation (21), which can be checked
by direct substitution.

When solving (21) with n = p, g, or k, one should
bear in mind that “ dangerous’ terms are excluded from
the double sum on theright of (21) by virtue of relation-
2003

TECHNICAL PHYSICS Vol. 48 No. 2

157

1
M®D

0.4
0.2
0
-0.2
-0.4
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Fig. 1. Amplitudes Mgl) of the resonantly interacting

(@) third, sixth, and seventh modes and (b) third, fourth, and
fifth modes vs. dimensionless time t. The figure by the
curves indicates the mode number. Different modes are
depicted by lines of different thickness.

ships (24). We take into account this circumstance
through the definition

pq_(l 6I p mq)(l 6Iq mp)

and write the general solutionsfor n=1p, g, or kina
form similar to (29) but with additional coefficients:

! before A (if n=k), Di before A, (if n=p),
and DI® before )\|mp (if n=0).

These general solutions contain the real constants
a?, B, &y, by, a’, and b that are specified by
initial conditions (30).

If three resonantly coupled modes are present in the
spectrum of initially excited modes, i.e., (k, p, q) O =,
then, satisfying initial conditions (30), we obtain
expressions for the time-dependent second-order coef-
ficientsin expansion (16) that are similar to (31):

(33)

MP(t) = E?\fﬁfsn[ (W — 00 + Wy + wj)t}

|D |D—

x sin[é(mp—wq—wi —wj)t}
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qu)\uksm[ (W, — Wy + W, —wj)t}

. 1
x sn[é(wp—wq—ooi + ooj)t}

[ o |

MP() = 55 hh Epkqxf,;

iozjo=

[ W, + W, +oo)t}
X sin[:—ZL(oop—ooi —ooj)t} (34

+ )\,(”Zsm[ (p + W, —oo,—)t}sin[%(wp—wi + ooj)t}

Oodad

MP(t) = z z hh ,(fq)sin[%(wq+wi +w,—)t}

i0zjo=

X sin[i(wq—ooi —ooj)t}

+ DIPAS )sm[;(ooq + 0 —coj)t}

119
.l 0
X sn[é(wq—wi + wj)t} E

If one of the resonantly coupled modes has a zero
amplitude and the amplitudes of the remaining two are
other than zero, for example, [p, q] O =, k O =, the coef-

ficients M'? (t) and M (t) are given by (34), whilefor
the kth mode, we have

MP(t) = 2a? cos[ (w, — )t — B{]

T2 Z Z h'hl{}‘l(J+l<)C03[(wi + ;)]

i0=jo=

qu)\lﬂ cos[(wy; —oy)t]} ;

@ (35)
212 (of
a? = (@) + (@)™ tan 9——%ﬁ
1 + -
a’=73 S hihyAR + DEAR):;
i0zjo=z
q@=_—Tola  ro)
2" "pOKk*
8(w, —wy)

Similar expressions can also bewritten for two other
possible situations: [k, ] O =, p O = and [k, p] O =,

SHIRYAEVA

g O =. In theformer case,

MP(t) = 2a? cos[w,t + b]

[EEN

+3 hih{ DIfA{ cosl(w; + w)t]  (36)
i0Dzjoz
+ A cos[ (0 —w;)t]} -
In the latter,
M (t) = 2al” cos[wpt + b
1 .
35y hihi{ M) cos] (o3, + w))1]
i0zjoz=
+ DA cos (& — )} ;
2 ]JZ
al = (@) + (@)™
@ _ ap _ .
tanbm - _GT]'), m = (p1 q)l (37)

w_1 kay (+) 4 3 ()
a, =Zz z h;(D; q)\”p Aijp);

@w_1 *) L kpy (D)
Oq =ZZ Z ()‘uq +D; p)‘uq)

/\
q

The coefficients omitted here are given by (34) in
both cases.

Figure 2 shows the time dependences of the third
mode amplitudefor €;,=5, € = 0.3, and W = 4.355 accu-
rate to the first and second order of smallness for the
resonant interaction between the third, fourth, and fifth
modes. It is easy to check that the second-order correc-
tion to the amplitude is small. Yet it should be recalled
once more that resonant coupling between modes of
capillary drop vibration isanonlinear effect that can be
“observed” only in the second-order approximation in
theinitial disturbance amplitude.

(6) Consider separately the case when only two
modesinteract resonantly; that is, when therelationship

pkq

Wy = 20,
takes place.
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Thesame analysisasbeforeyieldsfor thefirst-order
time-dependent coefficientsin expansion (16)

M () = 2al” (et) cos[ 2.t — BV (e)] ; -
(1) — (1) (1)
My7(t) = 2a,”(et) cos[w,t + by (et)],
wherethereal functions a(” (et), B\ (et), &%’ (gt), and

bl (¢t) are the solutions to the set of differential equa-
tions

da(T .
4032 = 7 O TP sn( Ty
1
4T = 45,007
1

+ AL (T )] cos[o (TL];

0 980T _ a(Tal (T sin[d(T];
P AT, opt |
(1)
(1)(Tl)dbp (Tl)

dT, (39)
= Npa(Tyal (Ty) cos[$5 (T)];

bl (Ty) = BTy +2b,7(Ty).
Relationships (20) imply the following sets of the
initial conditions for system (39):

[k, pl O=:a’(0) = hJ2; BI(0) = O;

ay’(0) = hy/2, bl’(0) = 0;

kOZ, pO=:a’(0) =0; BI(0) = W2

al’(0) = hy2; bi’(0) = 0.

Inthecasep 0 =, kO = (i.e, &y’ (0) =0, a;’ (0) =
h/2), resonant coupling between the modes p and k is

absent in this approximation, sincefrom (39) at t = 0 we
have

dag’(0) _

day’(0) _
dT,

dT,

i.e, the amplitudes &}’ and af’ retain their initial
values.

Figure 3 depicts the time dependences of the ampli-
tudes of the resonantly interacting fourth and sixth
modeswith e, =5, € =0.3, and W= 3.248 for two initial
conditions: (1) both modes are present in the initial dis-
turbance spectrum and (2) initially the fourth mode is
excited and the six mode has a zero amplitude. If ini-
tially only the sixth modeis present, the resonant build-
No. 2
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-0.1

Fig. 2. Variation of the third mode with time calculated in
the (1) first and (2) second approximations.
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d?

0 3 6 9 t

Fig. 3. Thesameasin Fig. 1 for two-mode coupling: (a) the
fourth and sixth modes are initialy excited and (b) the
fourth mode aone is initialy excited. Fine line, fourth
mode; thick line, sixth mode.

up of the fourth mode does not occur [8]. As was men-
tioned above, thisresonance wasfound in [1]; however,
it is not the only two-mode resonance at subcritical val-
ues of the parameter W. For example, for e;,=5and W =
3.607, the resonance between the ninth and fourteenth
modes takes place (w4 = 20).

In the second-order approximation for two-mode
resonance when [k, p] [l =, we have

M (t) = D hlhlgoppr,*k’sn[ (2w, + ; + u)j)t}

i0=joz=
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X sin[%(pr — W —ooj)t} + )\i(j'ﬁsin[%(Z(op + W —wj)t}

x sin[z—(Z(Jop—wi + wj)t} 0
(40)
N =(w, + w + w)t
[2( P ‘)}

MA(t) = >y h,hJ s

i0zjo=

x sin[%(mp—mi —wj)t} + ka)\fjgsn[ (00, + ) —mj)t}

.1 O
X sm[é(wp—wi + wj)t] O

If the mode Kk is absent in the initial disturbance
spectrum (kO =, p U =), the second-order time-depen-
dent coefficient in expansion (16) for this mode has the
form (instead of (40))

MZ(t) = 2al cos[2,(t) — B
+1z z hh{D
22. 2.
io=zjo=

+ Ajjecos (0 — o)t} ;

AL sin[ (oo + w1

@ (41)
1 a
a? = (@™ + (@®)? 2 tan B - Tk

al’

1 +
EZ_ zhlhj(Dpp)\l(Jk) |]k)

2

h
p_A(+)

2/\ppk'

p

(7) The final expression for the shape of the drop
surface accurate to second-order terms in the initia
disturbance amplitude € is given by (see (1), (14),
and (16))

G&z) =

(©,9=1+e35 MUP, ()]
0
OR (42)
e © 0 3
+g Dz My (1) P, ()T + O(€”),
04 O

where %R isthe set of the numbers of capillary vibration
modes whose amplitudes are of a second order of
smallnessin €. This set combines the set = of the num-
bers of modes excited initialy (at t = 0) (see (12)) and
the numbers of modes generated by resonant mode

SHIRYAEVA

interaction. In (42), the amplitudes M i(l) (t) aregiven by
formulas (19) and (23) or, in the presence of the reso-

nance, by (28) or (38). The amplitudes Mff) (t) are
given by expressions (31) and (32) or, in the presence
of resonance, by (34)—(37) or (40) and (41) according
to initial conditions and type of resonance coupling.
Thus, in the approximation linear in g, the shape of the
drop isdefined by the vibrations of modes presentinthe
initial perturbation spectrum and of modes excited by
resonance interaction. The vibration eigenfrequencies
Wy, depend on the permittivity €4 of the liquid (see (17))
and grow as g4 diminishes. The critical value of the
parameter W (which is related to the charge Q of the
drop) at which the surface of the drop loses stability is
determined from the vanishing condition for the funda-
mental made frequency (n=2), W, = 0.25k,(2, &4), and
also grows with decreasing 4. Thus, a volumetrically
charged dielectric drop is more stable against its charge
than a drop of perfectly conducting surface-charged
liquid.

Note that the second-order amplitud% Mff) (t) are

proportional to the coefficients )\, in» Which, inturn, are
expressed through the Clebsch—Gordan coefficients

[13] (see Appendix B). This means that )\,Jn are non-
zero only if the indices satisfy the relationships

li—jl<sn<i+j; i+j+n=2g, (43)

where g isan integer.

Therefore, the number of modes excited by second-
order mode coupling is specified by conditions (43),

i.e,, by the fact that the coefficients A7 and A$j) in

expressions (31) are other than zero only for even n
from the intervals [0, 2i] and [0, 2j], respectively, and
AG) and A{;), for nfrom theinterval [fi —jl, (i +j)] such
that n +i + j is even. Therefore, when two, even and
odd, modes (with numbers p and q) are excited simul-
taneously, their coupling will generate all even modes
from the interval [0, max(2p, 29)] and all odd modes
from the interval [Jp —q|, (p + g)]. If two odd or even
modes are initially excited, their resonance will gener-
ate only even modes from the interval [0, max(2p, 29)]
in the second-order approximation.

As was mentioned above, this is aso true for sec-
ondary resonances. If one of the resonantly coupled
modes obeying (22) (say, the mode K) is absent in the
initially excited spectrum (k O =), its resonant excita-
tion is possibleif the numbers of the interacting modes
k, p, and g meet conditions like (43):

lp—dql<ksp+qg; p+g+k = 2g.

TECHNICAL PHYSICS Vol. 48 No.2 2003
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From (32), it aso follows that if the spectrum
describing theinitia disturbance of the surface contains
two (even and odd) neighboring vibration modes, the
amplitude of the former will be different from zero in
the second-order approximation. This providesthe cen-
ter-of-mass immobility at t = 0 and its position at the
origin by compensating for that displacement of the
center of mass caused by the excitation of two neigh-
boring vibration modes.

CONCLUSION

The study of the nonlinear surface dynamics of a
nonviscous volumetrically charged dielectric spherical
drop subjected to an arbitrary initial deformation shows
that the number of resonances due to three-mode cou-
pling isinfinitely large if the charge of the drop is sub-
critical. Resonant mode coupling causes energy trans-
fer from higher to lower modes. The amplitudes of
lower modes increase, and the drop may become unsta-
ble against the self-charge. Thethird modeisthe lowest
among those excited as a result of resonant coupling
with higher modes. Although nonlinear mode coupling
is a second-order effect, it leads to an increase in the
amplitude of an excited mode up to afirst-order quan-
tity (even if this mode had a zero amplitude).

A possible mechanism behind the disintegration of
acharged drop in the case when the self-chargeis small
(subcritical in terms of linear instability) may be asso-
ciated with the resonance transfer of the capillary vibra-
tion energy from higher to lower modes.

APPENDIX A: EXPRESSION
FOR THE PRESSURE OF THE ELECTRIC FIELD
OF THE DROP SELF-CHARGE

The problem of finding the internal and external
electrostatic potentials @;,(r, t) and ®(r, t), which are
needed to express the pressure on the drop surface in
dynamic boundary condition (7), involves Egs. (3) and
boundary conditions (5), (8), and (9). Substituting
expansion (14) into them and requiring these equations
to be fulfilled for each order of smallness m, we arrive

at aboundary-value problem for the functions CDi(;") and
o wherem=0, 1, 2.

Since, a solution obviously possesses central sym-
metry in the zeroth approximation, the Laplace and

Poisson equation for ®'% and ®'2 | respectively, in (3)
turn into ordinary second-order differential equations

whose solutions are found in the form ~Crs. With
boundary conditions (8) and (9) satisfied in the zeroth-
TECHNICAL PHYSICS Vol. 48
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e EaTgp dr ’

r=1: 00 =

O = $+ o, o= EQE(ZS(’ +1-r%)+®,,(Al)

where @, is a constant that equal's the adopted val ue of
the external potentia at infinity.
The first- and second-order functions ®™ and

ofY (m= 1, 2) are the solutions to the Laplace equa-

tion and, in view of boundary conditions (5), can be
written in the form

P10, To, Ta) = 5 F" (o, Tyr " IPy();
n=0

[

OR(r, 0, To, T2) = 5 Fi™(To, TOr"Po(); (A2)
n=0
m=1; 2.
The functions EM(O, Ty, T;) (M= 1, 2) in expan-
sion (14), which describe the shape of the drop in the

first and second approximations are also represented as
expansionsin Legendre polynomials:

EMO.ToT) = F MI(To TOPA(H).  (A3)
=0

The unknown functions of time F™ ) (T,, T,) and

FU™™ (T, T,) in (A2) can be expressed through the

amplitudes M™ (T,, T,) in (A3) with conditions (8)

and (9) on thefree surface. In thefirst-order approxima-
tion, these conditions take the form

dq> dol)
r = l: cpl(:) n E.(l) qJ(l) d@( E(l)’
r
‘. ool d ¢(O)E w| _ 9o d (D(O)E(”
Or dr2 al’

Substituting solutions (A2) into them with m =1
yields

FO(To, Th) = k0, £) QM (T, To);

(1,in) (in) (1) (A4)
Fro (To, T1) = K1 (N, €9) QM7 (T, Ty).
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The expressions for the coefficients K(ex) (n, g4) and
k(™ (n, &,) are given in Appendix B.

In the second approximation, conditions (8) and (9)
have the form

dem 6<D,n 1d <Dm

1: CD.(Z) E(Z) E(l) (E(l))

ﬂ
|

1d<D

d(D(O)
cD(e>2<) + ex E(Z) E(l) (E(l))
(2) d cDm

dr?

W, 1d chn (E(l))

3

0
. [dcb.ﬂ? d’o, :

dr drz

¢(2)
or

2
_1d¢i(r?)[q3€(l)m
2 dr ool

q)(l) E(l)} _
00 00
,d CD(O)

a¢> 1d¢

E(Z) E.(l) (E(l))

1dcbé8’[aa<”g

aqaf;’az‘“
"2 dr UpoO ~

00 00"

Then, for the functions F*% and F*™ in solu-

tions (A2), one obtains
(ngg—n+3)

(2
(ns +n+ 1)QMn (Toi Tl)

FZo(To, Ty) =

+ z z [Kijnkz™ (1. 1, £0) = tjnkKa(i, N, €9)]
i=2j=
x QMP(To, TOM(To, T);
[(n—2)gs—n—1]
gq(ngg+n+1)

(AS)

F&W(T,, Ty) = QMP(T,, Ty)

+ z z [KljnK(Zm)(I’ n1 8d) _GijnKz(i, n, Sd)]
i=2j=2

x QMY (To, TYMP (T, T1).

All necessary designations are given in Appendix B.

The electric field pressure pg on the drop is the sum
of thefollowing termsin dynamic boundary condition (7):

P [ Ho®in + (84 1) (Vcbex)

A6
_(Sd 1) 1 (A9

&g

g0 V0.’

r=1+%

In (A6), the unit normal vector n to the surface

whose shape is specified by Eq. (1) is given by

”:ef[ 2000

E(l) 2@&(2)
_ee[ 00 ' ¢ 0o

up to second-order smalls.

szcaz‘”uj
(A7)

—&

(1)65( ) }
000

Expanding (A6) in the small parameter € in view of
representations (14) yields for (A7)

pe= (2000 (=D 1 fPaf7]

o4 g 8mldr 0q O -,
ref 3Q[¢(1> do,, 5(1)} L&D
0 4 n &4 411
dol{)[dol) a*of) 10 0 3Q
X + > &0 +¢° D—
dr | or or 0., 41

do (o) , 0 1d <D.n
x{qﬁ? A A e (30}

or
L= qun(e?taqn(z) dcp“’)E(zH
gg 8m dr gor ar? 7 0O

(1
L P00 dod 0
Odr® or dr  dr® g

JHerldey) d'eg)s” ¢(°>D
+

E(l)
Ddr or® dr?  dr? ( )

DD
Oar O

(0) (1) ) (1) (1)
000,00, 0%e) deMaz a +O(eY).
r=1

1 2
()
d%aagg +(g4—1)

or 00 dr doUooe

Substituting solutions (A1)—(A5), we eventually
find for the electric field pressure

Q(d ), &
Pe ——uq(Q+<D)+ . * &g

00

X Z 2(n=21)K,(n, sd)MrEl)(T@ T1)Pn(K)
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rer2 Z 2(n - 1)Ky (1, £)MP(T,, T)

+ Z z [KijnK3(i’ j’ n, sd) + cxijnKzl(ia ja n, 8d)]

i=2j=2
X MO (To, TIME(T, Ty) @Dn(u) +0(Y).
All definitions omitted here are given in Appendix B.

APPENDIX B: COEFFICIENTS APPEARING
IN THE TIME DEPENDENCE OF THE SHAPE

OF THE NONLINEARLY VIBRATING DROP (16)

A = [yint 00Nl 00— (0 £ 0)] 7

wr=n(n-1)[(n+2) =Wk, (n, &,)];
Vijn = K”n[w?m—i +1) +2n[j(j +1) - 1]

+Kq(i, j, N, sd)nv%/] + aijn[%wiz +K,(i, j, n, sd)nviv];

€g—(2n=5)g4+(n+1)
gq(ngg+n+1) ’

Nijn = Kijn%_i +

Ky(n, £4) =
Ks(i, j, N, ed)-—{z(n+1)(ed—1)»<‘”>(u N, £4)

+ (i + 1) (gg— DK, £)[(J + DKI(, &)

—2i + 4)] —6e[KSV(i, n, £g) =ik, g)] + 1064~ T} ;

Ko(i, .1, Eg) ssid{ 2[n+1—(n-2)eK,(i, N, &)

+(eg = DK, e)€ak s, £) —2(Eg— 1)) + £4—

((n-2)gq—n-1),

T

(m) _
(n. £q) = gq(ngg+n+1)
(ex) (ngg—n+3).
(n. &) = (ngg+n+1)’

1

k(i n, g,) = mg—(|+l)(n—| 1)

x ngx)

(j, &) +i((i+1)gg+n+1)
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e

(i, £0) + m—[2(N—=2)gg +n+1]
28d 0

1 E(i

k() _
(i,n, &) = (ngg+n+1)g

+1)(ngg+i+2
x K$™(j, &) +i(N—i + 1)egki™ (i, £q)

0
~Lom-2)e,+n+6)g
2 0

ll 160 = eyt <70 20 * e e0)

ian[Cin(?jO]z'
A =—i(i+1)j(j +1) C|010C|( ~1)j1
0, if i+j+n=2g+1,
%Nhere g isaninteger;
i WENEY s
CinOEEKg_l)!(g_J)!(g_n)!
Ex[(Zg—Zi)!(Zg—2j)!(Zg—2n)!

T

g (2g+1)!
Of i+j+n = 2g;
,( l)Jl_A/2n+1n'
(i+]=n)ti(i +1) v

gl ]

(n+i—=PDIn=i+PIi+j+n+)Ij(j+1)

X
2
In the last sum, summation is over al integer z for
which the expressions under the factorial sign are non-
negative, and Cjpjo and Cf’y,;; are the Clebsch-Gor-

dan coefficients [13] that are other than zero only if the
subscripts satisfy the relationships

li—jlsns(i+j);

(1) +z—1)(n+ | —z+ 1)!
Z2(i—z+1D)!(n=-2)!'(j—n+z=-1)!"

i+j+n = 2g, gisaninteger.
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Abstract—A new kinetic equation whose solution yields a correct Prandtl number is suggested. A technique
for analytically solving half-space boundary-value problemsis demonstrated with the classical Smoluchowski
problem of finding temperature and concentration steps. Numerical results indicating the succession of the

equation. © 2003 MAIK “ Nauka/Interperiodica” .

INTRODUCTION AND DERIVATION
OF A NEW MODEL EQUATION

A temperature jump at the gas—condensed phase
interface is among the most important phenomena in
the kinetic theory of gases. This effect is of crucial
importance in many physical processes and should be
taken into consideration in determining the thermal
conductivity of agas, studying the dynamics of aerosol
particles, etc.

This phenomenon was first studied by Smolu-
chowski and continues to be a topical problem. There
are a number of approaches to studying it, among
which those providing analytical solutionsare of partic-
ular importance. First, analytical approaches were
developed by Welander [1]; later, they were extended
by Cercignani [2], Sone[3], and others. To date, analyt-
ical solutions to the Smoluchowski problem have been
found within the Bhatnagar—Gross—Krook (BGK) [4]
and ellipsoidal statistical models [5] with a constant
collision frequency. Also, an analytical solution to this
problem has been obtained within the BGK model with
avariable collision frequency (proportional to the mol-
ecule velocity) [6].

The Smoluchowski problem borders on the problem
of weak evaporation of a gas from aflat surface. Weak
evaporation is evaporation with a gas velocity that is
much less than the velocity of sound. The latter prob-
lem has many applications concerned with heat and
mass transfer between a gas and a condensed phase [3].
The two problems differ only in boundary conditions.
Therefore, it is convenient to treat them together as the
generalized Smoluchowski problem.

The well-known disadvantage of the BGK model is
that it gives an unrealistic Prandtl number. For the BGK
model with avariable collision frequency, this discrep-
ancy is smaller than for the BGK model where the col-
lision frequency is assumed to be constant. Yet the dif-
ference from the realistic Prandtl number still exists.

Note that the Prandtl number isan important param-
eter characterizing the properties of gases. Therefore,
finding an analytical solution to the Smoluchowski
problem for the kinetic equation with a variable colli-
sion frequency that providesthe correct Prandtl number
remains on the agenda of researchers.

Let us construct a model kinetic equation with a
variable collision frequency that would yield the cor-
rect Prandtl number. We will consider only the linear-
ized case, since the Smoluchowski problemislinear in
its conventional statement. In the linearized steady-
state case, the distribution function can be represented
asf(r, v) =fo(1 + ¢(r, v)), wheref, isthe Maxwell dis-
tribution function, f, = nf3¥2exp(-Bv ?), B = M/(2KTy),
T, isthe surface temperature, and n,isthe concentration
of the saturated vapor for evaporation from a surface at
atemperatures T..

In the general case, the linearized steady-state
kinetic equation for ¢ is given by Cld = J[d], where

J[$] isthelinearized collision integral and C = ,/Bv is
the dimensionless molecule velocity. For the BGK
equation with a constant collision frequency v, the lin-
earized collision integral has the form

o] = Jév[zc[m_ L2 _%%_ }
Here,

U= n'?”zj'exp( —-chcod’c,

o = T fep(-C)pdC
T = Srfen(-cH - Hod’e,

For the BGK equation with a collision frequency
proportional to the molecule velocity (and with a con-

1063-7842/03/4802-0165%$24.00 © 2003 MAIK “Nauka/ Interperiodica’
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stant free path ~v51), thelinearized collision integral is
given by [2, 6]

6] = By, [ Jrce +ﬁT 5”*

ﬁTC(c 2) c¢}

Here,
U, = T(Cexp(-CHC'dpd’C,

on, _
No

% (C exp(-C*)pd’C,

ESTL = T¥?[Cexp(-C?)(C?*-2)pd’C.
0

Sinceall thetermsin the expression for the collision
integral are proportional to the dimensionless velocity
C, the collision frequency of moleculesis aso propor-
tional to the molecule velacity.

The cases of constant and variable (proportional to
the molecule velocity) collision frequencies are partic-
ular cases. In general, the collision frequency is acom-
plicated function of the molecule velocity.

Consider a simple nontrivial generalization of the
above collision integrals that allows for amore compli-
cated dependence of the collision frequency on the
molecule velocity.

Let the linearized collision integral have the form
J[9] = JBvo[20,,CC [V,

+ 20,,C U, +20,,CC [U

T30,
2 ©

(D

|

Here, theright-hand side containstermsthat are and are
not proportional to the molecule velocity; in other
words, the collision frequency is a mixed function of
the molecule velocity.

The callision integral must have the following prop-
erty [7]:

Iexp(—cz)w[uu d°C = Iexp(—cz)wJ[qa] d°c, (2)

where ¢ and  are arbitrary functions of the molecule
velocity.

Property (2) implies the symmetry of the coeffi-
cients: a,, = 0,;. In addition, collision integral (1) must
satisfy the molecule conservation law, momentum con-
servation law, and energy conservation law [7]. With

+20,,C U+ —

LATYSHEV, YUSHKANOV

these requirements satisfied, we come to the set of
equations

Iexp(—CZ)J[¢]QJj(C)dSC =0; j=0,1,23,4, (3

where ; are collision invariants: Yy = 1, (Wy, Yp, W) =
C,and y,=C2

System (3) results in a linear relationship between
the coefficients aj;. Let a,, = a be a free parameter.
Then, the other parameters are expressed through a as
follows: a,, = a,; = —204a, a; = 20(1 + 2aa), and o =
3./m/16. Also, let a; = —2aa and a, = 2a(1 + 2aa).

Thus, in terms of the dimensional spatial coordinate
introduced by the substitution x — vgX, the steady-
state linearized model kinetic equation has the form

(@ )+9(r,C) “
- Zi - [eP(-C7CK(C, C)(r, C)d’C

with the kernel
K(C,C) = 1+%(c2—2)(c2—2)

, Acc
Jﬁc

The parameter a and the Prandtl number are related
as

-[a+3(C+C')+a,CC].

_ 8a(1+2a)-2a
90 —2a(1-9a?)

For a = O, Eq. (4) yields exactly the well-known
equation that follows from the BGK model with a
velocity-proportional collision frequency [2, 6].

The presence of the parameter a allows for the use
of model equation (4) in applications where heat con-
duction and viscosity are key mechanisms.

Let a gas occupy the half-space x > 0 over the gas—
condensed phase interface at which the constant-rate
evaporation (condensation) and gas—condensed phase
heat exchange take place. Away from the interface, a
constant temperature gradient K; normal to it is speci-
fied. Let the gradient be small and the rate of evapora-
tion (condensation) be much lower than the velocity of
sound; then, the problem can be considered in the linear
statement. Outside the Knudsen layer, the gas tempera-
ture and concentration profiles have the form T(x) =
Ty + Kx and n(x) = ny — Kix, respectively, and the gas
velocity isconstant. The parametersto befound areg; =
Ty/Ts—1and g, = ny/n,— 1 (so-called relative tempera-
ture and concentration steps). In the linear approxima-
tion, g = Tk + T,U and g, = Nk; + N,U, where k, =

K/(Tvo) and U = ./B u are the dimensionless tempera-
ture gradient and gas velocity, respectively. We will

TECHNICAL PHYSICS Vol. 48 No.2 2003
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seek the dimensionless coefficients T, T,, N,, and N,
(so-called coefficients of temperature and concentra-
tion steps). The statement of this problem is described
in detail elsewhere (see, e.g., [1-8]).

For the case of the diffuse reflection of molecules
from the walls, the boundary conditions are as follows
(the derivation is omitted):

$(0,u,C) = 0, O<u<i,
(I)(X, H, C) = ¢az(xa M, C)+O(1), (5)
—1<u<0,

X — 00’

where
dulx 1, C) = &, + e F° 3]
+2UCH + k(x =W~ T+ k(bo + b,O)M,

1+2a0a
8o —2a(1-8a?)’

1:

a
b, = , K =CJC.
" 8a—2a(1-8a?)

In this problem, the function ¢, boundary conditions
(5), and Eqg. (4) involve the velocity magnitude C, the
cosine u of the angle between the direction of a mole-
cule and normal to the surface, and one spatial coordi-
nate x. Therefore, EQ. (4) can be integrated over the
polar (azimuth) angle from O to 2mtin the plane (C,, C)
toyield

L)
U& + ¢(X! IJ’ C)
= [k, €. Ch(x C)exp(-C*CdudC,
210 (6)

(i, C,C) = 1+3(C*~2)(C'-2)

+ ‘M[aCC' +a,(C+C)+a,.
Jm

Note that the Prandtl number Pr = 2/3 (which is
valid for monoatomic gases) correspond to the follow-
ing values of the parameters:

_ _3a __6a’ a 20
1-60> ©  1-60® ° 1-60%
_3 .1
by = 5, by = —c.
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REDUCTION OF THE SMOLUCHOWSKI
PROBLEM TO THE ONE-DIMENSIONAL
PROBLEM

We will seek asolution to the problem (5)—(6) in the
form

(% 1, C) = hy(x, 1) + Chy(x, 1) + (C* = 2)hy(x, ).

Then, Eq. (6) is equivalent to the one-dimensional
vector equation

1
T ECINEE: [Ko(h G ) (D)
a

for the column vector h = col{ h, h,, hs} with the kernel
KoK, 1)

4
Ko, W) = Ko+ —up'K,,
oK, 1) oﬁuul

14a 0
Ko=10 0 0
0a1l
at+4aa, 0 200
Ky = |a, +4aa, 2a, + 403, 20a,|-
0 0 0

Boundary conditions (5) passto
h(O,p) =0, O<p<l,
h(x, 1) = ha(X, W) +0(1), X— +e0, —1<pu <0, (8)

1 1
Ent éet_ékt(x_ M) + Dok

g+ K(X—H)

We will simplify the kernel of (7) taking advantage
of the mass and energy conservation laws. Eventually,
we will arrive at the representation of the kernel of (7)
intheform K(u, 1) = K, + HU'K,, where K, isthe same
as before and

4
—ac, 0 0
= |
0 3cy(1+20a)0
0 0 0
with ¢, =1-9a2
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SEPARATION OF VARIABLES
AND EIGENSOLUTIONS

Let us separate the variables in EqQ. (7). The general
Fourier method yields

hy(% 1) = expE-2H0(n, ). 9

wheren is a spectral (or separation) parameter, which
is generally complex.

Expression (9) immediately leadsto the characteris-
tic equation

(n-wo(n. ) = (n)+3unKn(n),
1 (20
n(n) = [uie(n,wdi; a =0,1.

1 0
zn Kon( )

Integrating Eg. (10) over p from —1 to +1 yields
n®(n) = n(E — Ky)n(n), where E is the unit matrix and

n(n) is the vector n©(n). Hence, Eq. (10) can be recast
as

(N-W)®(n, 1) = ZnAGN)N(N),
A(X) = Ko+ xKs, Ks = Ky(E—K,).

Since Eq. (7) is homogeneous, we can put n(n) =
col{1,1, 1}.

Let n O (-1, 1); then, in the space of generalized
functions [9], we find from Eq. (11) the eigenmatrix
(eigenfunction) of the characteristic equation

fu+/\(n)6<n—u). (12)

(11)

1
®(n, 1) = SnAun)Po

Here, Px?isthedistribution, i.e., the principal value of
theintegral upon integrating x*; 8(x) isthe Dirac func-
tion; and

N(z) = E+ZZ IA(Z“)du

2

is the dispersion matrix of the problem.

Thus, the continuous spectrum of solutionsisfound
from equality (9), where ®(n, W) is given by relation-
ship (12) forn O (O, 1).

In subsequent analysis, we need the dispersion
matrix in explicit form:

Ae(2) 4azt(z) —3c,az’Ae(z) O
N2 =| o w(2) 0
0 azt(z) Ac(2)

Here, Ac(2) = 1 + zt(2) is the Case dispersion function
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[10], where

t(2) = ;Irdrz’ w(2) = 1+3cy(1+208)AA(2).

-1

By the dispersion function of the problem is meant
the determinant of the dispersion matrix A(2) =
det/\(2) = Ac ((?) (see, eg., [10]).

The discrete spectrum of Eq. (10) is formed by the
zeros of the dispersion function. Let us first find those
of w(2). Using the principle of argument [11], one can
show that the function w(2) has two simple real zeros
*n, lying beyond the cut (-1, 1) near its extremes. Let
n =no; then, from Eq. (11), it follows

®(Nor W) = (13)

znoA(Hﬂo) n(no)

Substituting the function

hn, (% 1) = eXIOD r]J]‘D(rlo, M, (14)

where ®(n,, W) is given by (13), into Eq. (7), we find
that thefunction h,_(x, p) isasolution of (7) if and only
if n(ny) satisfies the homogeneous solution

A(Ngn(ny) = ©, © = col{0,0,0} . (15)

Equation (15) has a nonzero solution because
A(no) = detA(no) = 0.

Let ussplit Eq. (12) into three scalar onesto find the
vector n(ne):

—4an ot(No) + 3cangAc(no)
Ac(No)
—anet(no)

n(no) = (16)

Thus, the eigensol ution of the discrete spectrum that
correspondsto the zero ng is constructed. It is given by
equalities (13), (14), and (16).

The dispersion function A(z) has one more zero,
which is the quadruple zero n); = «. To this zero, there
correspond four linearly independent discrete solu-
tions, which are column vectors in the expansion of

Nas(X, 1)

SOLUTION TO THE BOUNDARY-VALUE
PROBLEM: REDUCTION TO A VECTOR
BOUNDARY-VALUE PROBLEM

A solution to the problem stated by (7) and (8) will
be sought as the expansion in eigensolutions of the dis-
TECHNICAL PHYSICS Vol. 48

No. 2 2003



ANALYTICAL SOLUTION OF THE GENERALIZED SMOLUCHOWSKI| PROBLEM

crete and continuous spectra:
h(x, 1) = Aghy (X, 1) + has(X, W)

1
(17)
+jeXpE—ﬁE¢(n,u)A(n)dn, ~1<p<1, x>0
0

or (in amore detailed form)

h(x, 1) = Aohy (X, W) + has(X, 1)

1
1 0 XgnAn)
+z[exp=—="—""—=A(n)d
2{ S ar—" (n)dn

+ @P - EAGAG O, (1),

Here, A, €,, and g, are unknown constants (the coeffi-
cients of the discrete spectrum); A(n) is an unknown
vector function (the coefficient of the continuous spec-
trum); and ©,(n) =1 (forO<p<1)orO(for-1<pu<0).

Substituting expansion (17) into the first boundary
condition in (8) yieldsasingular integral equation with
the Cauchy kernel in theinterval (0, 1):

Aohy (0. 1) + (O, 1)

1 Aun) (18)
nAapn -
+Z A(n)dn + A(RA = 0.
2{ n—-n (n)dn + A(R)A(W)
Let usintroduce the auxiliary vector function
1
(19)

N@ = 3[nam2Am L,

for which, according to the Sokhotsky formulas,

N(H) = N7(H) = THRA(RD)A(), O0<p<1. (20)

Using the boundary values of N(2) and A(2), we
reduce Eqg. (18) to the Riemann—Hilbert vector bound-
ary-value problem

B (W)IN"(H) + Aghy, (0, 1) + hag(0, )]

= B (W[N (W) + Aghy (0, 1) + h(0, P,
O<u<1i.

(21)

Consider the related homogeneous boundary-value
problem

B (W)X () = B7(M)X (W), (22)

Here, X(2) isan unknown matrix that isanalytical inthe
plane with a cut along the segment [0, 1]. Taking into

O<pu<l.
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account that the dispersion matrix can be represented in
the form

, 0-4a 0
N2) = Ac(DA(Z)+Ky Kyg=10 1 0
0O -ao0
we find that
1
B(z) = A\cE+ ————K,,.
T 31+ 20a)7

Omitting the diagonalization of problem (22) (see
[6]), we write the matrix
U(z) 4a(U(2)-V(2)) O
X(2)=1] o0 V(z) 0
0 a(U(2)-V(2)) U(2)

without proof. Here,

U(2) = zexp(-u(2)), u(z) = %J%d‘[,
0
T 2A(T)

o(1) = 5~ arctan

V(z) = zexp(—-v(2), v(2) = %J‘:'(—_T)Zdr,
0
20(1)
3cy(1+ 20a)nt

g(1) = —g— arctan

Now we return to the solution of inhomogeneous
problem (21). With the homogeneous problem, we
transform it into the problem of finding an analytical
vector function from its zero step at a cut,

DX TN (1) + Aghy (0, 1) + hes(0, )]
= [XT()] T INT(R) + Aghy (0, 1) + (0, )],

O<p<l.

Taking into consideration the behavior of the matri-
ces and vectorsinvolved in this problem at the point n,
and at the point ), = oo, we arrive at its general solution:

N(2) = —Aoh,,(0, 2)

—h(0,2) + X(z)[Z_BnO 4 c}.

(23)

Here, the vectors B and C have the arbitrary compo-
nents B; and C;, respectively (i = 1, 2, and 3). For solu-
tion (23) to be taken as auxiliary function (19), we will
eliminate the singularities of the general solution.
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SOLVABILITY CONDITIONS AND NUMERICAL
CALCULATIONS

To remove the pole at the point ng in Eg. (23), we
require that

1
SAMoAMEIN(No) + X(No)B = ©

Thisequation is equivalent to three scal ar equations,
from which we found the vector B:

—4a
_ AgNo 1
2V(Nno) _a -

Let us expand the matrix function X(z) in the vicin-
ity of the point n; = co:

Ul 4G(U1—Vl) 0
X(z) =zE-| 0 V, 0| +o(1),
0 a(U,-V,) U,
|4 — o
Here,
11 11
U, = —=[O(T)dt, V,; = —=[¢(1)dr.
L L

Now, it is easy to expand N(2) in the vicinity of the
point n; = co:
N(z) = zN;+ Ny +0(1),

4 — .

Here,

—(2U +byk) + C,

-k (1/2+b,) +C;
! k, + Cg ]

1 1
—€n— ist - éAogcoar]gnl(n 0)

+B;-U,C,
1
5A03Co(1+ 2a@)ngn,(No) + B,
~V1)C;~

To remove the pole of N(2) at the point n; = o, we
construct the vector C:

—4a(U,-V,)C,

-ViG,

—&+B;—a(U; U,C,

k. (1/2 + by)
2U + b, k,
_kt

C =

LATYSHEV, YUSHKANOV

Now we find the auxiliary function N(z) at the point
M = oo

1 aA(n)
N(o0) = J’n !(1+2aa)A2(n)]dn
0

From the condition N(«) = N,, we arrive at the set

of equations

A03(:03-” on(no)

——aJ’n A(n)dn = —¢ —}et (24)

+B;-U,C;—-4a(U; -V;)C,,

1

3c 1
—57(1+202) [N*AN)dn = —5A, + B, =V,Cy, (25)
0

& = B;—a(U,-V,)C,-U,C,. (26)
Substituting general solution (23) into Sokhotsky
formula (20), we find the integrand in (24) and (25):
201+ 20)n°Aq(n)
(27)

+CD

S=—[V'(n) -V~ (n)]G1 2

2T[I n
Let

1
= L vty =v(n) 2
o) = [V (M) =V ()
0
Applying the contour integration procedure, one can
show that
J(No) = V(No) —No+ Vi
Integrating (27) in view of (25) and (26) yields

= Hudg_aVa—non
& = 2U B 1+20a U

a(Vi—-no—U;)
8a —2a(1—9a?)"
& = 2UB +k(U, +b,p),
where3 = a(V; —ng—Uy).
With a =0, formulas (28) and (29) give

g = 2UB+ ktgjl_ﬁrg,
7B
3/

No. 2

(28)

+kFU, + 5 b1[3+

(29)

g, = 2U%L%+ kU, —

TECHNICAL PHYSICS Vol. 48 2003
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in complete agreement with well-known formulas (6.1)
in[6].

Let ain (28) and (29) correspond to Pr = 2/3. Then,
in aform convenient for calculation, we have

1
& = ZUG(Vl—no—Ul)+kt§(3U1_Vl+n0)’

L (30)
€ = UO((Vl—no—7U1)+kt;1(—3U1—V1+no)-

Numerical calculations show that n, =1 + €, where
€=13x10"; U, =0.71045; and V; = 0.99326. Hence,
from (30),

g, = 1.06904k, —0.23835(2U),

g, = —0.53115k, — 0.82749(2U).

Now we pass to the dimension variables, defining

the free path of molecules as | = (n/p) J/mm/2kT,,
where n is the kinematic viscosity and p is the density
of agas[8]. Then, the computational formulasfor tem-
perature and concentration steps take the form

g = CIK.+2/BClu, ¢, = C,IK +2./BCpu.

Here,

C = %5(1.06904) = 200445, C' = -0.23835,

C, = %5(—0.53115) = ~0.99591,

C, = —0.82749.

For comparison, results [6] for gases where the col-
lision frequency is proportional to the molecule veloc-
ity (i.e, the free path of molecules is constant) are as

follows: C, = 1.99885, C, = —0.99657, C = -0.23687,

and C; =—-0.82905.

Results[12] for gaseswith a constant molecular col-
lision frequency are C, = 2.20262, C, = -1.23035, C, =
—0.22436, and C,, = -0.84350.

Finally, we give the results C, = 2.1133, which was
obtained by numericaly solving the complete Boltz-
mann equation [13] within the hard sphere model, and
C, =2.20576 [14], which was obtained by using the 13-
moment kinetic model with a constant molecular colli-
sion frequency. Note that the results cited are given in
terms of the molecule free path at Pr = 2/3, which is
adopted in this paper.

CONCLUSION

The numerical results obtained in this paper for tem-
perature jumpslie between those found within the BGK
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model with a constant collision frequency and those
found within the BGK model with a constant free path.
Thus, our model can be considered as a model with an
intermediate character of molecular collisions. Its
important advantage is the use of the correct Prandtl
number. Otherwise, calculated results must be con-
verted in view of the discrepancy between the true and
obtained Prandtl numbers [8]. Such a procedure is to
some extent uncertain. Results obtained with our
model, which handles the correct Prandtl number, are
free of this drawback.

Note a so that the accuracy of our model is closeto
that of the 13-moment kinetic model, which is today
very popular.
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Abstract—A model for estimating hydrodynamic drag from aship’sinertial travel and/or velocity is suggested.
Full-scale experimental data for sea-going ships are discussed. © 2003 MAIK “ Nauka/Interperiodica” .

INTRODUCTION

The devel opment of methods for describing moving
object—environment interaction is of undeniable current
interest [1, 2].

The aim of this work is to estimate the hydrody-
namic drag from full-scale experiments. This problem
isof great importance in designing ship’s hull lines and
traffic control systems, in estimating the efficiency of
object exploitation, etc.

The towing [3, 4] and inertial [1] methods of esti-
mating the hydrodynamic drag on objects are most
widely used in full-scale experiments. The former can
be applied only in specially equipped testing grounds.
In contrast, the inertial method does not require sophis-
ticated facilities and is compatible with current on-line
surveillance systems. Therefore, the inertial method
can be viewed asthe basisfor an approach to estimating
the hydrodynamic drag from an inertial motion trajec-
tory and, hence, deserves careful examination.

STATEMENT OF THE PROBLEM
AND MODEL CONCEPTS

First, let us note the disadvantages typica of the
towing method and the advantages of the method sug-
gested in this paper. In the towing method for measur-
ing the hydrodynamic drag, (i) it is necessary to use a
tug and towing facilities, (ii) the hydrodynamic drag vs.
velocity dependence is derived by repeat towings with
various velocities, (iii) the sea-forming properties of a
ship are estimated by additionally measuring its sess,
and (iv) thereisbasically no way of excluding the effect
of the tug’s seas on drag measurements.

While being free of these disadvantages, theinertial
method in the form stated in [1] makes it possible to
estimate only the sea component of the hydrodynamic
drag.

In view of the aforesaid and taking into account that
the inertial method is easier to apply, we formulate

requirements for a modified inertial method that would
allow the derivation of the hydrodynamic drag vs. ship
velocity dependence. These are the following: (i) The
hydrodynamic drag should be estimated from a single
inertial motion trgjectory; (ii) since the acceleration of
object inertial motion is generdly very low
(=0.02 m/s?), trajectory data processing techniques
must provide asufficient accuracy; (iii) amodified iner-
tial method must alow for the identification of motion
transients; and (iv) a modified inertial method must
allow one to compare the sea-forming properties of
objects.

Formally, the problem is reduced to the estimation
of the unmeasurable component (accel eration) from the
measurable components of the motion vector (position
and/or velocity) and then to finding the drag from the
known acceleration.

It follows that, in terms of the starting theoretical
mechanical concepts, our problem can obviously be
treated as the first problem of mechanics and, thus, is
the classical inverse problem of dynamics for an object
moving in amedium.

We are now coming to the formal statement of the
problem. The hydrodynamic drag r is conventionally
considered as a function of the steady-state velocity:
r =r(v)[3, 4]. Wewill adhereto this approach, but the
corresponding function is derived by converting the
acceleration of inertial motion to the hydrodynamic
drag with the well-known relationship [3, 4]

rx = _(l+nr)v! (1)

where r, is the specific hydrodynamic drag per unit
object mass (hereafter drag), x is the linear coordinate
along which the object moves (1D motion aloneis con-
sidered), and n, is a correction factor taking into
account the unsteadiness of the motion and object
geometry.

The rigorous theoretical-mechanical interpretation
of thefactor n, isstraightforward and well known [3, 4].

r = —=(1+n)x or
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However, with the applied aspect of the problem borne
inmind, it is appropriate to represent it in the empirical
form

N = by+byv+...+bv®+ .. +bv, (2)

whereb, = b, o + b, ;U + by, W2 + ... + b, ° are coef-
ficients related to the object geometry, namely, to its
length L and volume displacement V,; hence, ¢ =

LIV

In this work, the coefficient n, in the form of (2) is
given for the case y = 8 = 2 (see below) as the result of
the analysis of typical relationships [4] that generalize
full-scale test data for a seagoing cargo ship.

As follows from (1) and (2), the drag r,(t) and,
hence, r,(v) (according to the approach adopted) can be
estimated if the position x(t) and velocity v(t) or accel-
eration X(t) (or v (t)) are known. Consider the usual
practical case when the motion of an object is charac-
terized by measuring v(t) and/or x(t). Assuming that the
measurements are performed at discrete time instants
t* (i = 1, n) within aninterval [t*, t* ] where the ini-
tial time t7 corresponds to the onset of the inertial
motion of the object and introducing the normalized
timet 0 [-1, 1] (t=(t* —t7 —S,)/S,, where S, = (t; —
t7 )/2), we represent the measurement models as

k-1

X(t) = 5 hg(t)pyjen k<n, ©)
j=0

V(ti) = zhvj(ti)pv,j+1v m<n, (4)
ji=0

where g,(t,) = €,; and €,(t;) = €,; are random Gaussian

instrumental measurement errors, €, : N(O, oi) andeg, :

N(O, oi ), and hy(t) arethebasisfunctions(j =1, 2, ...,).

Expressions (3) and (4) can be written in the vector
matrix form

ZX = HXpX+ 8X7 (5)

ZV = HVpV+£V’ (6)

where the meaning and components of the vectors and

matrices are quite obvious.

Equations (5) and (6) can be viewed as declarative
models of two problems, one of which appeals to the
measurement of only the object position on the trajec-
tory and the other, to the measurement of only the
velocity.

The appeal to the simultaneous measurement of the
position and velocity (which may be necessary to
TECHNICAL PHYSICS Vol. 48

No. 2 2003

173

improve the accuracy of the specific drag estimate)
leads to amodel of the third problem:

tHO
E,ZZE = 0, Bpo + EEE, 7

or, in terms of the obvious designations, Z,, = H,,p,, +

Evv-

The Hadamard requirements for the correction of
the statements [5] for these three problems are easily
satisfied if the bases of the spaces of definition x and v
are represented by sets of the functions hy(t) that are
orthogonal within the segment [-1, 1]. In this case,
solutions to prablems (5) and (6) are perfectly condi-
tioned and highly accurate. As such functions, we will
use Hayes orthogonal polynomials[6].

Note that the dimension of the linear space of solu-
tionsto problems (5)—7), k and m, depends on the com-
plexity of object motion (or on the complexity of veloc-
ity variation in our case, since we are considering 1D
motion in the physical space) and isnot known a priori.
Therefore, when finding the final results, we should
carry out an additional procedure, namely, to check the
hypothesis G : dim(p,) = dim(p,,) = kor dim(p,) = m.

Thus, the formal statement of the starting problem,
that is, the use of the inertial method to estimate the
hydrodynamic drag as a function of velocity, basically
implies the solution of one of the problems (5), (6), or
(7) subject to the two alternative hypotheses for motion
complexity and the need to find the domain of defini-
tion for this function in view of the actual object
motion.

FORMAL SOLUTION AND RESULT SUITABLE
FOR APPLICATION

In the general form, a model of a solution to the
above problem can be represented by the following
tuple:

{5\(1 )'(! ).('! \7) V!Rvax !m ’6V ’fX(V) ’O-T(V) ’[Vmin’ Vmax]} ’(8)
where the cap means the estimate of the corresponding
quantity, o, is the rms estimation error of the drag 7,

and[ V., Vma ] IStheinterval of definition of the func-
tion 7, (¥) with regard to actual object motion.

Obviously, the first nine components { X, X, X, V,

v, Kk, 8., m,6,} of mode (8), which refer to asolu-
tion to problem (5), (6), or (7), play a decisive role,
since the others are obtained by straightforward calcu-
lations.

Consider first problem (5) or (6). Solving any of
them by the least-squares method [5], we arrive at the
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following estimates (the subscripts x and v indicating
the type of measurement are omitted):

. ]
Bios = @izwihjai)zgizwihf(ti):

) ©
~2 ~2 2 D
Gp =0 DE W,hJ (IIE y

wherei = 1,n andj = 0,k—1 for position measure-
mentsor j = 0, m—1 for velocity measurements, Z is
the value of an ith component of the vector Z, w; = 1
according to the previously adopted hypothesis that
measurements of the same type are of the same accu-
racy, &2 is the estimated variance of the instrumental

error, and 6?, is the estimated variance of the error in
determining the vector p.

Now we pass to problem (7). Note first of al that a
set of polynomials that are derived from the initial set
of orthogona polynomias by time differentiation is
generally no longer orthogonal. With this taken into
account, asolution to problem (7) can be representedin
the matrix form

P = (M Qi Ha) Ha QuZu,
A2,,T 1 -1 (10)
Dva =0 (HXVQ;VHXV) ’

where Dp,, is the variance matrix for the vector p,,
and Q, = M[e, &y 1.

One should bear in mind that velocity measure-

ments combined with position measurements improve

the estimates of all the components of the spectrap, and

p, in object motion models (5) and (6) except for the
first component.

Asthe value of °, we take the value of 6> or &7
subject to the hypothesis G : dim(p) = € (& takes the

valuekfor 6§ or mfor 65 ). Thesevaluesare calculated
from the expression (the subscripts X, v, and xv are

omitted)
6" = |Z-Hpl*/(n-¥). (12)
The hypothesisis checked in order to find the mini-
mal value of € in the range of steady-state values of &
by comparing values of &° adjacent in & with each
other or with an a priori value of 6§ provided that it is

known with a desired degree of confidence.
Inview of (1), (2), (A7), (9), and (10), aswell as

therelationship dt = S;l dt*, the estimate of the specific
drag 7, () as a function of the estimated velocity in

DEVYATISILNY et al.

problems (5)—(7) can be found by eliminating t* from
sets of expressions which follow:

P(tF) = Wi/ S,
Pu(tF) = Wup, /Sy,
P(tF) = Wiy, /S,
V() = Hxpd/Sm;
v(t") = H,py;
7(t) = HxPu/Sn
The quality of the estimates of the function 7, (V)
in problems (5)—(7) is specified by the diagonal ele-
ments o~ (V) of the variance matrices D,,( ¥ ), which

are obtained by eliminating t* from the sets of expres-
sions

(12)

Dy(t) = WD W5,
Drx(t;k) = V.VVDva'VIv
e ..T
Drx(t;k) = WXD;vaX;
V(tl*) = bexlsrnv
v(tF) = H,py;
V(t|*) = |_.lxbxvlsrm
where (with the subscripts x, v, and xv omitted) W =
~(1+n)H, D, = 6”(H™H) Y, and DY =D /S,

(13)

EXPERIMENTAL RESULTS
AND DISCUSSION

Themodel that estimates the specific drag asafunc-
tion of steady-state velocity values was experimentally
verified based on acceptance test data for the Vitus
Bearing cargo ship.

The fixed parameters of the model were the ship’s
length along the waterline L = 150 m, volume displace-
ment V,,, = 20200 m?, initial ship velocity v, =8.2m/s,
and inertial motion duration 1500 s. The variable
parameters of the motion, the ship’s position and veloc-
ity under calm conditions, were measured with stan-
dard measuring means (radar and log). The maximal
number of measurementswas n = 500. The components
of the vector b for y = 8 = 2 were obtained by approxi-
mating typical velocity dependences of the coefficient
n, [3, 4] with regard to the ship’slength and volume dis-

placement: b, = 0.2017 — 0.0321y + 0.001042, b, =
(-0.4871 + 01193y — 0.0034y?)//gL, and b, =
(5.9608 — 1.3184y + 0.06794)/(gL), where g = L/ V23

TECHNICAL PHYSICS Vol. 48 No.2 2003
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Fig. 1. Normalized estimated variances s\(f) of measure-

ment errors for n = (1) 100, (2) 200, (3) 300, (4) 400, and
(5) 500 readings. The subscript v = {X, v} indicates the
quantity under consideration: position or velocity, respec-
tively; the superscript { = {X, v, xv} indicates the type of
measurement: position measurements, velocity measure-
ments, or both.

and g = 9.81 m/s?. The maximum permissible value of
the rms deviation o, ,, Normalized to the maximal

value of the function 7, was taken to be w,, =
O max T x max = 0.0L.

The dimension of the vectors p for various estima-
tion schemes was defined as the minimal value of k* or
m* in the range where the parameter given by (11) takes

steady-state values (Fig. 1): s= 6°/6°, where 6° isthe
mean value of the estimated variance in the range of its
steady-state values.

1.0F
0.8
0.6
0.4
0.2F
v
0.05 0.10 0.15 020 025 0.30

Fig. 2. Normalized estimated specific drags and their deriv-
atives with respect to Froude number. Curve c, is normal-
ized to the maximal value of curve cj.
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To analyze the behavior of the drag calculated from
the measured parameters of the inertial motion, we also
present the specific drag normalized to its maximal
value for another vessel, a Rowdy yacht. In this case,
the drag was evaluated from the time profiles of the
velocity [1] for two starting velocities: five and six
knots (curves ¢, and c;, respectively, in Fig. 2).

It isknown [4] that the dependence of the total drag
on the steady-state ship velocity can be described by the
relationship R, = C(0, 5pSv?), where C is the dimen-
sionless coefficient of drag, p isthe density of the lig-
uid, and Sis the wetted surface area of the ship. Note
that C = C,;; + C,, where C,,, and C, are the coefficients
of the viscous and sea components of the total drag,
respectively. Taking into account the monotonic run of
theC,;;vs. v curve[3], aswell asthe constancy of p and
S, we can conclude that the variation of both the total
and specific drags is defined by the coefficient C,,
which generally grows at Froude numbers Fr =

v/ /gL < 0.2 [3, 4, 7]. Therefore, to see how the sea-
forming effect of the inertial motion affects the specific
drag, we will consider its dependence on the relative
velocity (Froude number).

Figure 2 shows the estimated specific drags (given
by (12)) ontheinertial motion of theVitus Bearing ship
(curvec,, n=100) and Rowdy yacht (curvesc,, c;) nhor-
malized to their maxima. Also, the derivatives of the
drags with respect to the Froude number are shown
(curves ¢} —c3). The maximal values of the derivatives

correspond to the inflection points b,—b; in the curves ¢,—
C;. In view of the above-mentioned behavior of the
coefficient Cg, it follows from curve c, that the range of
the drag for the Vitus Bearing ship correlates with the
relative velocity interval [Frin, Frmad, Where Fro, =

w

Fr

0.25

0.05

0.10 0.15 0.20

Fig. 3. Normalized rms deviations w of the estimated spe-
cific drags determined from (1) position measurements;
(2) velocity measurements; and (3, 4) combined measure-
ments for the number of measurements n and n/2, respec-
tively. Curves 1'4' are the averaged curves 1-4.
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arg{ maxg (07, /0Fr)}. Itisinteresting that the position
of the points b, and b; does not depend on the starting
velocities; that is, Fr,,,, iSameasure of the sea-forming
properties of ships. The choice of Fr,;, depends on our
knowledge of factors affecting the ship’s motion and,
hence, drag at low velocities (instability of longitudinal
motion, natural environmental fluctuations, etc.).

Figure 3 demonstrates the Fr dependences of the
normalized rms deviations (given by (13)) w =
O,/ Ty max < Wmax fOr the Vitus Bearing ship (n = 100).
The curves indicate the high accuracy of the specific
drag estimates due to the use of the least-squares
regression of observations on an orthogonal basis. The
maximal accuracy of the estimates (the least variance,
curves 3 and 4) for the specific drag is achieved when
position and vel ocity measurements are combined.

CONCLUSION

Thus, as follows from our experimental investiga-
tion, the inertial method devel oped in this paper, unlike
the towing method, makes it possible to derive the
velocity dependence of the drag and compare the sea-
forming properties of ships of different type by pro-
cessing data for one trgjectory of their inertial motion.
Obviously, a Rowdy yacht has a better design of hull
lines and exhibits less pronounced sea-forming proper-
ties, since the effect of its seas on the specific drag dis-
appears at higher Froude numbers than in the case of
the Vitus Bearing ship. The maximum of the derivative
of the specific drag indicates the termination of a tran-

DEVYATISILNY et al.

sient due to inertial motion. Below this point, the
dependences studied are free of any disturbances. Inthe
case of the towing method, conversely, foreign effects
on measurements (for example, the tug’s seas) are basi-
cally impossible to exclude.

Clearly, results obtained by our method can be used
for the rapid estimation of specific drag actual values
because of its smplicity. If the estimates are made at
more or lessregular intervals, they can serve asameans
for inspecting the condition (fouling) of the ship’sbody
(in view of the fact that the viscous component of the
total drag prevails at small Froude numbers).
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Abstract—Effective ways for controlling shock wave configurations by means of external actions are sought.
One such way isalocal effect of electric and magnetic fields. In this paper, the local effect of external fieldsis
implemented by current localization in alimited region of adiffuser. The experiment is carried out in a diffuser
providing the complete internal compression of the gas with a Mach number at theinlet M = 4.3. Asaworking
medium, axenon plasmais used. The plasmaflow isformed in a shock tube equipped with an accel erating noz-
zle. Two ways of current localization are tested. In the first one, the diffuser inlet is a short channel of Faraday
generator type. In this case, the ponderomotive force basically decel erates or accelerates the flow depending on
the direction of the electric field. In the second way, the current flows through a narrow near-wall region
between adjacent electrodes. In this case, the ponderomotive force compresses or expands the gas. In both
cases, it is shown that the angle of an attached shock due to MHD interaction can be both decreased and
increased. The central problem with the MHD control of shock waves is near-electrode and near-wall phenom-

ena. © 2003 MAIK “ Nauka/Interperiodica” .

INTRODUCTION

At present, various approaches to controlling new-
generation hypersonic flying vehicles being designed
are being widely discussed [1]. In this work, we exper-
imentally study the possibility of controlling shocks at
the inlet of a supersonic diffuser with a magnetohydro-
dynamic (MHD) technique. This problem was initiated
by the AJAX concept [1, 2] and developed in a number
of theoretical [3-8] and experimenta studies [9-13].
This paper isacontinuation of this series of experimen-
tal investigations. |-V characteristics described in [13]
showed a great potential drop near the electrodes,
which was compensated for by applying an external
electric field. Therefore, in the experiment considered
below, the flow pattern is formed both as a result of
MHD interaction and by applying an electric field.

When investigating the influence of external fields
applied to various diffuser sections[12], we found that
the efficiency of field application ishigher if thefieldis
applied to the diffuser inlet. By efficiency, we mean the
ratio of a certain change in the attached shock angle to
the power consumption. Therefore, it is natural to con-
tinue the investigations in this direction and to study
different ways of local action. In our new experiment,
an external effect islocalized by confining the electric
current in alimited region of the diffuser. We tested two
ways of current localization. Inthe one case, the current
passed through oppositely placed electrodes; in the

other, through electrodes placed on the same wall of the
MHD channel. The different arrangement of the elec-
trodes corresponded to various ways of force action.

EXPERIMENT

The experimental setup is schematically shown in
Fig. 1. It consists of a shock tube with high-pressure

A 9
Ly s 456 5 8

5 Géﬂé V=02m’
IOE?::MSO 470
A-A 100 14

v
e ]
AR

Fig. 1. Experimental setup. (1) High-pressure chamber,
(2) low-pressure chamber, (3) test section of the low-pres-
sure chamber, (4) plane nozzle, (5) diffuser, (6) vacuum
chamber, (7) optical window, (8) bellows, (9) gas receiver,
(10) nozzle inlet cross section, and (11) shock tube cross
section. Dimensions are given in millimeters.

1063-7842/03/4802-0177$24.00 © 2003 MAIK “Nauka/ Interperiodica’
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Fig. 2. First way of current localization: (a) decelerating regime and (b) accelerating regime. N, nozzle; D, diffuser. The figures are
electrode numbers, and the arrows indicate the directions of the current I, emf €, ponderomotive force F| , and flow u.

chamber 1 designed for a hydrogen pressure of up to
150 atm and low-pressure chamber 2 =50 mm in diam-
eter and 4.5 min length filled with a heavy inert gasto
apressure of 20-50 torr. The chambers are separated by
ametallic diaphragm. The low-pressure chamber ister-
minated by test section 3 with a piezoelectric pressure
transducer and windows to extract the radiation of the
shock-heated gas. At the end of the test section, thereis
thethroat of plane nozzle 4, which is separated from the
test section by a thin lavsan diaphragm. The gas flow
accelerated in the nozzle enters diffuser 5 with elec-
trodes on its opposite walls. The nozzle and the diffuser
are placed in vacuum chamber 6. Schlieren patterns of
the flow are recorded through optical windows 7. The
gasdynamic path extends beyond the vacuum chamber
through bellows 8 to gas receiver 9. The setup is
described in detail in [9].

As the shock-heated gas becomes stagnant at the
nozzle end face, its temperature increases and thermal
ionization occurs. The ionized gas passes through nar-
row nozzle throat 10 at face end 11 of the test portion
(cross section A-A in Fig. 1) and enters divergent noz-
Zle 4, where the gas is accelerated to specified Mach
numbers. The expanding plasma cools down, but the
gas ionization in the nozzle lowers rather dowly
because of the slow recombination in inert gas plasmas
[14]; therefore, the plasma conductivity appropriate for
MHD experimentsis provided. The supersonic flows of
relaxing inert-gas plasmas and their interaction with a
magnetic field are detailed el sewhere [15].

A pulsed magnetic field of induction 1.5 T directed
transversely to the flow was produced by the discharge
of a 0.0125-F capacitor bank through coaxia Helm-

| €= uBh Vin Res

Fig. 3. Equivaent electric circuit.

holtz coils 300 mm in diameter placed on the vacuum
chamber walls. The discharge duration is 3.5 ms, and
the magnetic field induction can be considered constant
over a period of 500 us. The latter time interval was
used to synchronize the process. An electric pulse of an
appropriate amplitude and duration was produced by
the “long line” discharge. To visuaize the flow, we
designed an optical Schlieren system. The filming of
the process was performed with a VSK-5 high-speed
camera with a Podmoshenskii illuminant [16]. The
exposure time per framewas 2.7 ps. A higher time res-
olution (30 ns) was achieved by using an OGM-20 ruby
laser as alight source and taking single pictures.

The experiment was carried out in xenon at a Mach
number of the shock wave front in the shock tube of 8
and an initial xenon pressure in the low-pressure cham-
ber of 30 torr. The design gas parameter at the diffuser
inlet were M = 4.3, the xenon density p = 0.127 kg/m?,
theflow velocity u = 1.55 km/s, and the plasma conduc-
tivity 0 = 600 SY‘m. The plasma efflux duration was
approximately equal to 500 ps.

FIRST WAY OF CURRENT LOCALIZATION

In the case considered, the effect of magnetic and
electric fields on the plasmaflow islocalized in a short
section at the diffuser inlet [18], asshownin Fig. 2. The
current flows only through the third pair of the elec-
trodes at the diffuser inlet. In this case, the diffuser inlet
operates as a Faraday MHD generator and an electro-
motive force (emf) € = uBh isinduced at theinlet (here,
u isthe flow velocity, B is the magnetic induction, and
h isthe electrode spacing). A voltage V of either polar-
ity can be applied to the electrodes from an external
source. When the emf induced by the magnetic field
and the external electric field are codirected (Fig. 2a),
we deal with the so-called decelerating regime; when
the emf and the field are opposing (Fig. 2b), the regime
isconventionally referred to as accel erating. The equiv-
alent electric circuit of the setup is shown in Fig. 3. Its
basic feature is that the source of external voltage V is
connected in series to the magnetically induced emf.
The sum of the emf and applied voltage partially drop
across load resistor R, and partially, across the interna
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X, cm X, cm

Fig. 4. Shock wave configuration in the diffuser (B = 0 and V = 0). (a) Calculated distribution of the flow Mach number over the
nozzle and diffuser [3] and (b) basic characteristics of the flow pattern in a supersonic diffuser. 2a is the angle between interacting
attached shocks, ¢ isthe angle between an attached shock and the diffuser wall, and . is the point of crossing the attached shocks.

resistance Ry of the interelectrode gap. The total of
these two resistances is close to the long-line wave
impedance, from which the voltage V is picked up. In
this case, Ohm’s law has the form

IRy = (L—K)(uBh+ V), (1)

where Ry; is the interelectrode gap resistance and k is
the load factor given by

R
R+ Ry @)

The plus sign before the second term in Eq. (1) corre-
sponds to MHD decel eration; the minus sign, to MHD
acceleration.

Consider factors affecting the flow exposed to mag-
netic and electric fields and try to evaluate their relative
effects on the flow parameters, especialy on the flow
Mach number, because its value is mainly responsible
for the shock angle.

The MHD effect has two elementary components.
The first one is the work of the mass force with a den-
sity juB, which decelerates or accelerates the flow. The
other isthe removal (supply) of the electric energy pro-
duced by the magnetically induced emf. Its density per
unit volume equals kjuB. The external electric field
heats the plasma via the release of Joule heat with a
density Q = (1 —k)jV/h. Our qualitative analysis of the
problem will rely on the one-dimensional solution[17].
In [17], al elementary effects on the flow are repre-
sented in the form of additive terms with coefficients
depending on the flow parameters. For example, the
equation for a Mach number M of the flow exposed to
amagnetic field of strength uB and an electric field of
strength V/h can be written in the form

dinM? _ j ¥

2 \n
M*-)EFE = B+ ) 3

where j is the current density, a is the speed of sound,
p isthe gas density, and u is the flow velacity.
TECHNICAL PHYSICS Vol. 48
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The coefficients characterizing the MHD effect (fy,)
and the influence of the external electric field (fg) are
defined as follows:

fu(M) = ¢v(2+(v—l)Mz)i(v—l)(1+vM2)k4
fe(M) = ~(y—1)(1+yM?)(k-1),

wherey = C,/C, istheratio of specific heats at constant
pressure and constant volume.

In Eq. (4) the upper minus before the first term and
the upper plus before the second one correspond to the
decelerating regime, while the inverse means accelera-
tion.

From Eqg. (3) it follows that the effect of the mag-
netic field dominatesthat of the electricfield if the mag-
netically induced emf (¢ = uBh) and the external volt-
age meet the inequality

uBh _ fe(M)
VT TuM)

_ (Y-DA-K@+yM)
y(2+(y=1)M?) —k(y —1)(1 +yM?)

Equation (5) showsthat at M > 5 the Mach number
is governed largely by the MHD effect rather than by
the electric field for uBh/V > 1 and any load factor. At
M =1 and y = 5/3, the effect of the magnetic field pre-
vailswhen uBh/V > 2(1 - k)/(5 — 2k). Thus, the relative
role of MHD interaction increases as the flow Mach
number decreases. The greater the load factor, the
stronger the MHD effect. Let us estimate the limiting
values of V/uBh corresponding to our experiment by
using formula (5). In the experiment k = 0.2 and the
Mach numbers calculated at the inlet and outlet are
equal to 4.3 and 3, respectively. Then, the limiting val-
ues of V/e turn out to be equal to 1.15 and 1.3. Thus, the
interval separating the regions of prevalence of the
magnetic and electric field effectsis 1.3 > V/e > 1.15.

Parameters of the shock wave configuration that
characterize the response of the flow to the externa
effect are clarified from the shock pattern in the diffuser
(Fig. 4). The diffuser is formed by two wedge-shaped
walls with an angle of 5.5°. An attached shock makes

(%)
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Fig. 5. Examples of shock wave configurations in the flow
subjected to electric and magnetic fields. (a) V=0and B=
0,(b) V=120V andB=0,(c) V=125V andB=-1.3T
(decelerating regime), (d) V=150V and B=-1.3 T (accel-
erating regime).

an angle ¢ with the diffuser wall. Two shocks attached
to the opposite diffuser walls cross one ancther at adis-
tance x. from the diffuser inlet and reflect from one
another at an angle 2a. Each of the three parameters ¢,
X, and a can serve as an indicator of an external effect.
For example, when the flow is decel erated and the flow
Mach number decreases, the shock angle grows, the
point of shock intersection approaches the diffuser
inlet, and the angle between the shocks increases.
When the flow is accelerated, these parameters vary in
the opposite direction.

Shlieren pictures of the steady-state flows are shown
in Fig. 5. Figure 5a displays the shock wave configura-
tion without the fields (V = 0 and B = 0). In this case,
¢ =15°,x, =43 mm, and a = 21.5°. The situation when
the magnetic field isabsent (B = 0) and the electric field
isapplied (V = 120 V) isdemonstrated in Fig. 5b. It is
seen that the increase in the flow Mach number due to
heating is accompanied by an increase in the shock
angle ¢, decrease in the distance x., and increase in the
angle a between the shocks. Figure 5¢ shows the
Schlieren picture of the flow exposed to both magnetic
and electricfields (B=-1.3T and V = 125V) (deceler-
ating regime). Here, the joint action of the fields causes
stronger flow deceleration; that is, theangle o increases
and the distance x, decreases. Figure 5d shows the
Schlieren pattern of the flow in the accelerating regime
aV=-150V and B=-1.3T. It is seen that additional
shocks practically merge with the attached shocks
probably dueto the strong current-rel ated heating of the
near-wall layer. As awhole, the angle a increases and
the distance x. decreases as compared with thecase V=0
and B =0; that is, the flow does not accelerate. It seems
that the flow decel eration due to the Joule heating of the
gasis stronger than the flow acceleration caused by the
ponderomotive force in this case. However, as follows
from Fig. 4b, the joint action of the accelerating MHD
effect and electric field weakens the decel erating effect
caused by the Joule heating of the gas.

In a series of experiments, we maintained the mag-
netic induction B at —1.3 T and applied voltages of var-
ious amplitude and polarity to the el ectrodes. With such
a magnetic field, the magnetically induced emf at the
diffuser inlet wase = 65V. The variation of the attached
shock position with eectric and magnetic field is
shown in Fig. 6 as the dependences of the half-angle
between the shocks and of the current on the relative
voltage V/e.

Let us turn to the 1-V characteristics presented in
Fig. 6. The solid line C is the -V characteristic calcu-
lated on the assumption that the plasma resistance is
equal to the value specified at the diffuser inlet. This
dependence demonstrates that the ideal |-V character-
istic is linear. However, the experimental dependence
I(V/e) is essentially nonlinear and the current, almost
without exception, is considerably less than that pre-
dicted theoretically. All this is evidence of the impor-
tant role of near-electrode processesin current passage.

TECHNICAL PHYSICS Vol. 48 No.2 2003
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Moreover, it turns out that this role is not the same at
V>0 and V < 0. From the |-V characteristic, one can
estimate the near-electrode potential drop AV at low
currents[13]. It isdetermined from theinitial portion of
the |-V characteristic up to the value of V at which the
derivative of the dependence I (V) starts to decrease. At
V > 0 (the decelerating regime), AV/e = 1.1 (see Fig. 6);
that is, the near-electrode potential drop is close to or
slightly greater than the magnetically induced emf. The
same also follows from the fact that the current through
the interelectrode gap is practically absent whenV =0
and the plasma is affected by the emf alone. The
absence of the current can be explained by the forma-
tion of unneutralized space charge near the cold none-
mitting electrodes. The emission of electrons from a
cold cathode is possible [18] when microarcs and
cathodic spots appear. In the fast processes, this can
occur at a current density of about 50 A/cm?. In our
experiments, such a current density is achievable only
at relatively high voltages applied to the electrodes.
Besides, cold gasdynamic boundary layersand possible
separation of the flow may prevent current passage.

It is interesting that the reversal of the sign of the
applied voltage modifies the dependence [(V/e). It
should also be noted that at [V/| > 1, the current in the
range of negative V grows faster than in the positive
range. The differential plasma resistance determined
from the |-V characteristic for V/e < -1 turned out to be
roughly 0.25 Q, while for V/e > 1, it growsto 0.43 Q.
Thus, the |-V characteristic suggests that near-wall
effects in the decel erating regime are more pronounced
than in the accelerating one.

The vertical linesin Fig. 6 show the values of V/e
separating regions with different dominant effects.
There are three such demarcation lines, which separate
regions |-1V.

First, let us consider these boundaries. The first
boundary coversthe interval 1.15 < V/e < 1.3, the sec-
ond is the line V/e = —1, and the third is the line V/e =
-1.15. Inregion | (V/e > 1.3), the relationships between
the applied voltage and emf are such that the flow
deceleration due to Joule heating by the external elec-
tric field is stronger than the deceleration caused by
MHD interaction. In region Il (=1.0 < V/e < 1.15), the
ponderomotive force is the basic reason for the flow
deceleration. Inregion 111 (narrow range —1.15 < V/e <
-1.0), the relationships between the external voltage
and magnetically induced emf are such that the ponder-
omotive force can accelerate the flow. In region IV
(V/e < -1.15), the flow deceleration due to Joule heat-
ing by the external electric field dominates the acceler-
ating action of the magnetic field.

Consider how the shock wave at the inlet responds
to the variations of the voltage across the electrodes.
First, let us analyze the behavior of the angle a as a
function of the applied voltage for V > 0 (Fig. 6). In
region Il, the angle a varies insignificantly. This is
because the current in this region is insufficient to con-
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Fig. 6. Electric current and angle a as functions of therela-
tive voltage V/E (¢ = 65 V). |, region with the dominating
role of the electric field in flow deceleration; |1, region with
the dominating role of the MHD effect in flow deceleration,;
I1, region with the MHD acceleration of the flow; and
1V, region with the dominating role of the electric field in
the accelerating MHD regime.

siderably decelerate the flow owing to near-electrode
processes. The larger increase in the angle a is
observed inregion |, where the current ishigher and the
flow deceleration is stronger because of the gas heating
by the external electric field and the action of the pon-
deromotive force.

Now we trace the variation of the angle a for V<0
in Fig. 6. Here, the behavior of a in region Il is note-
worthy: o increases noticeably at | = 40 A. This seems
to be rather unexpected because at V > 0 in the same
region, a remains practically unchanged. Thereasonis
that during the MHD interaction, the current oscillated,
while at other V, the current remained constant. Since
there was no exact synchronization between process
recording and current passage, it is not improbabl e that
the flow pattern was recorded at a current exceeding its
average value. Therefore, we observed the flow decel-
eration under the dominant effect of the ponderomotive
force. In region 11, the current changes direction, but
the flow deceleration, that is, the decrease in the angle
o as compared with its value at V = 0, is absent. In
region IV, the effect of the external fields becomes
noticeable, as demonstrated by the increase in a. The
increase in a indicates that, as was expected, the flow
deceleration in region IV takes place, because the gas
heating by the external field dominates the accelerating
action of the ponderomotive force. Thus, in our experi-
ment, Joule heating in the external electric field hasthe
most noticeabl e effect on the flow both in the decel erat-
ing and accelerating regimes.

The experimental data allow us to separate the
effects of flow acceleration and deceleration caused by
the ponderomotive force from the decelerating effect
due to Joule heating in an external electric field. Thisis
done as follows. We select three regimes with the same
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Fig. 7. Variation of the angle between the attached shocks
that is caused by magnetic induction reversal. The dotted
line indicates the angle a when B = 0 and the current is the
same as in the presence of the magnetic field (B = +1.3 T).
I, accelerating regime; 11, decel erating regime.

Fig. 8. Second way of current localization. The arrowsindi-
catethedirections of the current I, magnetic field B, Lorentz
force F|, and flow velocity u.

current | = (500 £ 50) A and two oppositely directed
and one zero (B = 0) ponderomotive force. The ponder-
omotive force causing the flow deceleration corre-
sponds to a negative value of the magnetic induction
(B =-1.3 T); the accelerating ponderomotive force, to
the positive magnetic induction B = 1.3 T. The results
of such an approach are presented in Fig. 7, where the
angle a is plotted against the magnetic induction. The
horizontal dotted line depicts the value a = 27° (corre-
sponding to B = 0). The angle a corresponding to the
decelerating regime is larger and that corresponding to
the accelerating regime is smaller than the value at B = 0,
asit should be.

To conclude, we see no basic obstacles in control-
ling shocks at the inlet with the ponderomoative force
other than near-wall effects.

BOBASHEYV et al.

N55

N75

Fig. 9. Steady-state flow pictures. Thefigures above are pic-
ture numbers. The exposure time is 1.9 ps, the time interval
between the picturesis 5.7 ps.

SECOND WAY OF CURRENT
LOCALIZATION

The scheme of the experiment is shown in Fig. 8.
The current passes through a local region behind the
attached shocks near the diffuser walls between elec-
trodes 3 and 4. In Fig. 8, the directions of the current
and Lorentz force near the upper and lower diffuser
walls are shown by arrows. The Lorentz force near the
opposite walls is seen to act in opposite directions. At
the upper wall, the Lorentz force tends to decrease the
gas pressure, while at the lower wall, it compresses the
gas. In both cases, the gas also warms up owing to the
Joule heat. The current passing through the upper and
lower electrodes is equal to 400 and 500 A, respec-
tively. The magnetic inductionisB=1.3T.

Figure 9 displays a number of steady-state flow pic-
tures. The asymmetric arrangement of the attached

TECHNICAL PHYSICS Vol. 48 No.2 2003
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Fig. 10. Comparison of the attached shock positions. Solid
lines correspond to the Schlieren patternsin Fig. 9; dashed
lines show the shock positionsat V=0and B = 0.

shocks is noteworthy. To clarify changes in the shock
wave structure, Fig. 10 shows the shocksin the absence
of external effects (dashed lines) and those depicted in
Fig. 9 (solid lines). At B=0and V = 0, the shocks are
symmetric about the flow axis and make an angle ¢ =
15° with the diffuser walls. After the magnetic field has
been applied and the current from an external source
has passed through local region 34, the shock angle
near the upper wall decreases to 13°; that is, the shock
shifts nearer to the wall. At the lower wall, the shock
angleincreasesto 17°; i.e., the shock moves away from
the wall. Such a behavior of the near-wall shocks is
explained by the fact that the directed action of the
Lorentz force near the upper wall decreases the gas
pressure and the shock approaches the wall. Near the
lower wall, the L orentz force actsin the opposite direc-
tion, raising the pressure, and the shock moves away
from the wall.

CONCLUSIONS

It isshown that the attached shock anglein adiffuser
can be controlled by locally affecting the flow with
external magnetic and electric fields.

In the first way of control, the effect is localized at
the diffuser inlet, since the current passes only through
the electrodes located at the inlet (Faraday scheme of
electrode connection). The ranges of the applied volt-
age and magnetically induced emf are found where the
flow deceleration (acceleration) is governed by MHD
interaction or Joule heating in an externa electric field.
The experimental results suggest that the one-dimen-
sional theory provides good estimates of the domains
where the MHD interaction or the electric field domi-
nates.

The decelerating and accel erating effects of the pon-
deromotive force and the decelerating action of an
external electric field are separated. The attached shock
angle can be increased or decreased by appropriately
applying the ponderomotive force.

With the Faraday scheme of electrode connection,
the role of near-wall effects in the decelerating regime
is greater than in the accelerating one.

In the second way of control, the current flows
through adjacent electrodes downstream from the
attached shocks and the Lorentz force is localized
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mainly in a narrow near-wall region. In this case, the
Lorentz force either compresses or expands the gas. In
the experiment, both an increase and decrease in the
attached shock angle was observed.

Comparing the effects of external fields on the loca-
tion of attached shocksin the two ways of current local-
ization, one can note that, in spite of alesser changein
the shock angle with the second way (at approximately
the same power consumption), it seems to be prefera-
ble, sincein thiscasetheflow coreisdisturbed lessand,
conseguently, one may expect total pressure losses to
be lower.
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Abstract—It is assumed that gas properties are defined by the motion and interaction not only of individual
molecules but also of their clusters, which consist of several molecules. From the exponential cluster size dis-
tribution, the basic relationships for the parameters of cluster gas mixtures are derived, acomputational scheme
is suggested, and the cluster concentration and the compressibility factor for anumber of gases are calculated.
Using the example of the viscosity coefficient of oxygen, it isdemonstrated that the cluster model fitsthe exper-
imental pressure dependence of the viscosity if the variation of the cluster composition and partial contributions
of cluster components to the viscosity are taken into account. © 2003 MAIK “ Nauka/Interperiodica” .

The kinetic theory of gases explains the properties
of gases by the motion and interaction of individual
structure elements to which dynamics laws are applica
ble. The basic difficulty hereisto find an object that is
such a structure element. In gases, these are molecules,
which are thought to be responsible for the chemical
properties. When the motion of molecules is described
in terms of dynamics laws, they are viewed as compact
and stable objects. However, molecules are complex
thermodynamic systems and may aggregate into stable
and unstable clusters or macromolecules (see, e.g., [1]).
In the cluster model of gases, the behavior of real gases,
which diverges from that of a perfect gas, is explained
by the formation or dissociation of clustersaccordingto
the variation of macroparameters.

Physically this divergence is explained by the varia-
tion of the number of structure elements, which
decreases upon clustering and grows upon cluster dis-
sociation. In the equation of state, this is reflected by
the variable number of moles and the variable molar
mass of a cluster mixture, since a gas should be consid-
ered asamulticomponent mixture consisting of dimers,
trimers, and higher order clusters. The presence of
many components and the variability of the cluster
composition significantly affect the nonequilibrium
properties of agas, which showsup, in particular, inthe
temperature and pressure dependences of the transport
coefficients.

In this work, we derive basic relationships for the
parameters of gas cluster mixtures, suggest a computa:
tional scheme, and calculate a number of equilibrium
and transport parameters.

An equilibrium thermostatically controlled cluster
gas can be described by a statistical ensemble with the
canonical particle energy distribution [2, 3]. The poten-
tial energy of acluster consisting of g moleculesthat is
averaged over configurations is proportional to the

number of moleculesincorporated:
E, = GgkT, (@)

where G is a normalizing factor, k is the Boltzmann
constant, and T is temperature.

Considering the amount ny of g-dimensional clus-

ters as the population of an appropriate energy level in
the canonical ensemble, one can write

_ Eg
ng = Aexp[—ﬁ] 2
where A isanormalizing preexponential.
In view of (1), this distribution takes the form
ng = Aexp(-Gg). (©)]
The normalizing factor A can be expressed through
the amount of monomers (individual moving mole-
cules, for whichg = 1):
A = nexp(G), 4
where n, isthe number of monomers per unit volume.
Substituting (4) into (3) yields the exponential clus-
ter size distribution:
ng = mexp[(-G(g—-1)]. ®)
Dividing this expression by thetotal amount of clus-
tersn©@ = §'' . ny (r is the size of largest clusters
taken into consideration) yields the cluster fraction
(concentration) distribution over sizes:

cy = cPexp[-G(g-1)],

C(C) _ ng (6)
g W’
where C§°) is the concentration of molecules (mono-
mers).

1063-7842/03/4802-0185%$24.00 © 2003 MAIK “Nauka/Interperiodica’
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In the cluster model, agasis considered as a multi-
component mixture of clusters. The composition of the
mixture can be conveniently expressed through macro-
parameters such as the average molar mass

r
MO =Y cm,, (@)
2

where M is the molar mass of a g-dimensional cluster
component and [M0is the average molar mass of the
cluster mixture.

Bearing in mind that the molar massisdefined asthe
mass of structure components taken in an amount equal
to the Avogadro number, one can write the molar mass
of ag-dimensional cluster component as

Mg = NAmig- (8)

Sincethe mass of ag-dimensional cluster isthe sum
of the masses m of g individual molecules, My = M,g.

Structure elements responsible for chemical proper-
ties (of molecules) can be distinguished from those pro-
ducing gas pressure by introducing the compressibility
factor. With thisfactor, the real gas equationis given by

p = zn"kT, 9)

where n®™ is the total amount of both free and bound
(clustered) molecules and zisthe compressibility factor
(see, eg., [3; p. 202, 259)).

In the cluster model, each cluster component is
viewed as an independent participant of processes. The
gas equation for it can be written in the form

m

- g
Py = Ga—pym,

(10)
where p, isthe partial pressure of ag-dimensional clus-
ter component, m, is the mass of the g-dimensional

cluster, and b isthe correction for the relative (specific)
volume of the particles.

In terms of the partial mass density, this equation
appears as

- __Pg
Py = m—=—RT,
¢ (1-b)M,
where p, isthe partiad mass density of a g-dimensional
cluster.

The mass density of a cluster component can be
expressed through the mass m of one molecule:

(11)

Py = NgMg. (12
Thus, the partial pressureis given by
ng
Py = (1—b)kT' (13

KURLAPOV

For a cluster mixture, the gas pressure is the sum of
the partial pressures of cluster components:

_ 1
p = (1_b)szlng.
g:

The total pressure of a gas is convenient to express
through the ratio of the number of clusters to the total
number of molecules:

(14)

I’l(n)

— (n)
g=1
n n n
Cé) = Tg) = - g , (16)
n
5 on,
g=1

wherer isthe size of largest clusterstaken into consid-
eration.

From (9) and (15), we find a formula for the com-
pressibility factor:

I R
27 @1-v) Zlcg |
g:

It is seen that the compressibility factor can be cal-

culated if the concentrations C{” of clusters of various
size are known. Computational schemes usually use

concentrations C” , from which C{"” can be found:

(17)

(n _ n _ n
Cg - —(—grﬁ oo :
5 on
g=1
- c© n' co-_1 (9
— g g = !
Y ang Y 9Cy’
g=1 g=1

where n© isthe total amount of clusters.

In thiswork, the compressibility factor is calcul ated
by the formula

(19)

where b isthe relative correction for the partial volume
of the particles. In terms of the effective molecule-col-
lision diameter o, this correction is given by

b = Z—wn(”)nos,

: (20)
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18 2
8

12 14 16

Fig. 1. Concentration Céc) of cluster components vs. clus-

ter dimension g (expressed in numbers of molecules) for
oxygen pressurep = (m) 6, (0) 40, and (A) 90 MPaat 300 K.
The calculation was made for g = 1-20 with the effective
collision diameter g1, = 0.308 nm evaluated from the vis-

cosity coefficient. Curves are plotted by the formula Céc) =

! expl-G(g - 1)].

where  is the packing parameter taking into account
the fact that the (specific) particle volume may change
upon clustering.

The above relationships give a set of equations for
the concentration C” :

PRT  _

c&“’g;{gexp[—e(g—l)]} T

o0 o O
C, 'L+ z exp[-G(g-1)]0-1 = 0,
0 4 0 (1)
C¥exp[-G(g-1)] -C =0, g=1-r.

The results of calculation for specific cases per-
formed with this scheme are presented in Figs. 1 and 2

187

C(?
1.0

0.8
0.6
04

0.2

Fig. 2. Concentration Céc) of cluster components vs. clus-

ter dimension g (expressed in numbers of molecules) for
xenon pressure p = (m) 0.5, (0) 4, and (A) 6 MPaat 300 K.
The calculation was made for g = 1-10 with the effective
collision diameter 011 = 0.411 nm evaluated from the vis-

cosity coefficient. Curves are plotted by the formula Céc) =

!9 expl-G(g - 1)].

and in Tables 1 and 2. In the calculations, we used pub-
lished data for the density or specific volume. The
effective diameters were evaluated from reference data
for viscosity coefficients (for oxygen and xenon [4, 5])
or self-diffusion coefficients [4] with allowance for
their temperature dependences by using the kinetic the-
ory formulas [6-8]. As follows from the figures, the
size of clusters may be rather large at high pressures.
Their presence influences the compressibility factor.
Specifically, if the fraction of xenon molecules com-
bined into clusters is high, the compressibility factor
drops to less than unity. Table 2 shows that the com-
pressibility factors calculated are in good agreement
with the reference data.

In the cluster model, a chemically pure gas is con-
sidered as consisting of many cluster components. The
reason for the temperature or pressure dependence of

Table 1. Cluster concentrations Cgc) for carbon dioxide at a pressure 2 MPa and various temperatures

Temperature, K
Cluster dimension, g
300 400 600 700

1 0.8172 0.9144 0.9696 0.9796

2 0.494 0.0783 0.0295 0.0200

3 0.0273 0.0067 8.9918 x 107 4.0907 x 10*
4 0.0050 5.744 x 107 0 0

5 9.1189 x 10 0 0 0

6 1.6666 x 10 0 0 0

Note: Calculations were made for g = 1-6 with effective collision diameters evaluated from the self-diffusion coefficients [4].

TECHNICAL PHYSICS Vol. 48 No.2 2003
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N, WPas
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Fig. 3. Pressure dependence of the viscosity coefficient n at
300 K: (sguares) smoothed tabulated data [4] and (circles)
calculation by formula (22) including clusters with the vis-
cous effective collision diameter ;1 = 0.308 nm. The clus-
ter dimension g = 1-20. The dashed line shows the constant
valuen = 20.7 yPas for a Boltzmann gas [4].
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Fig. 4. Partia viscosity coefficient of a cluster component
vs. cluster dimension. The values of p are the same as in
Fig. 1. T=300K.
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Fig. 5. Fraction of clusters vs. their dimension. The values
of parethesameasinFig. 1. T=300K.

the transfer coefficients is that a temperature decrease
or a pressure increase favors the formation of larger
clusters, which make a greater contribution to transfer
processes. Specifically, the pressure dependence of the
viscosity coefficient is associated with the formation of
large clusters with a high molar mass. The formulas of
the kinetic theory [6, 7] for the viscosity of amulticom-
ponent mixture can also be applied for a cluster mix-
ture. With Enskog corrections taken into account, the
formulafor the viscosity coefficient of the mixture has
the form

n
° X ha/T

= z -
G=1ZXBO-§B BG(SMUBQQB +3MBC{ CIB )XUB
B=1

where h = 8009 x 1072 J¥2 K-Y2 kmolY2 s the dimen-
sional coefficient.

With allowance for collisiona momentum transfer
within the effective diameter, the Enskog correction X s
has the form [9]

(22)

1
S (1+ 54)

x 02 + 3 Jaa %08 —2aPP g5 +
0

Guu + 0[3[3

XGB =

o0 OuaOpp [T
Ebm, + Opd

S
T
=5 Z X0 (23)
B=1

=1-7% z XpOps:

= Jag | My
Sap T, N 3KT

In cluster mixtures consisting of molecules of one
sort, the cluster dimension g plays the role of the com-
ponent number and summation is over the sizes of clus-
ters taken into account.

Figures 3-5 show the results of calculation by for-
mula (22). The effective molecul e diameter, which also
enters into the formula for the equilibrium parameters
(compressibility factor and cluster concentration), is
found by the same formula. Here, reference datafor the
viscosity coefficient of a specific gas are taken under
conditions when the clustering effect can be neglected
(rarefied, or Boltzmann, gas), which is usually
observed under atmospheric pressure.

The effect of clustering on the transport parameters
is demonstrated with Fig. 3, where the pressure depen-
dence of the viscosity coefficient of oxygen is shown.
The calculation is seen to be in good agreement with

TECHNICAL PHYSICS Vol. 48 No.2 2003
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Table 2. Compressibility factor at T =500 K

Compressibility factor z
Pressure oxygen Xenon
p, MPa , .
reference | calculation | reference | calculation
data[5] by (19) data[5] by (19)

0.1 1.0002 0.9997 0.9991 0.9994
1 1.0018 1.0023 0.9911 0.9909
2 1.0037 1.0036 1.0823 0.9822
3 1.0057 1.0056 0.9735 0.9735
4 1.0078 1.0078 0.9649 0.9649
5 1.0099 1.0099 0.9563 0.9563
6 1.0122 1.0122 0.9479 0.9479
8 1.0169 1.0169 0.9316 0.9315

10 1.0221 1.0221 0.9160 0.9159

12 1.0275 1.0275 0.9013 0.9012

16 1.0394 1.0395 0.8754 0.8754

20 1.0525 1.0526 -

25 1.0706 1.0706

30 1.0903 1.0903

35 1.1115 1.1115

40 1.1339 1.1339

45 1.1575 1.158

50 1.182 1.182

the published data. Physically, this dependence is
explained as follows. Asis seen from formula (22), the
total viscosity coefficient is the sum of the partial con-
tributions from cluster components. This formula
describeswell the concentration dependence of the vis-
cosity of a rarefied gas mixture consisting of chemi-
caly different components [7]. Under elevated pres-
sures, a gas consisting of chemically identical mole-
cules contains clusters in the form of dimers, trimers,
etc. Within the cluster model, they are treated in terms
of the formulas from the kinetic theory (specifically, in
terms of formula (22)) as if they are independent mix-
ture components. When colliding with molecules or
lighter clusters, heavy clusters have alonger free path

TECHNICAL PHYSICS Vol. 48 No.2 2003
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(the effect of velocity persistence after collision); there-
fore, their contribution to the momentum flux and the
mixture viscosity grows. Moreover, the relationships
between the masses and mean thermal velocities are
such that heavy clusters transfer the momentum more
effectively. Thisstatement issupported by Fig. 4, which
shows the partia viscosity coefficient vs. cluster
dimension. The weaker dependence under high pres-
sures is due to the fact that, when the concentration of
heavy clusters is significant, they collide with each
other more frequently and the effect of velocity persis-
tence after collision isreduced. Thus, the viscosity of a
cluster mixture increases with the fraction of heavy
clusters. However, the fraction of heavy clusters drops
exponentially with the cluster dimension (Fig. 5);
therefore, their contribution to the viscosity is not so
pronounced as follows from Fig. 4. The competition of
these two mechanisms is responsible for the pressure
dependence of the gas viscosity (Fig. 3).
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Abstract—Based on the available experimental data and computer simulations, analytical approximations of
the quantities characterizing electron multiplication in the cathode sheath are proposed. The critical electric
field is found above which runaway €electrons are observed. Using the approximations proposed, the depen-
dences of the plasma parameters (the electron and ion densities and currents and the electric field strength) on
the distance from the cathode are analyzed. Simple formulasfor the total current, the cathode sheath thickness,
and the cathode potential drop asfunctions of the electric field on the cathode surface are derived. © 2003 MAIK

“ Nauka/Interperiodica” .

INTRODUCTION

In recent years, excimer lamps—the sources of
spontaneous emission on the transitions of exciplex and
excimer molecules—have attracted considerable inter-
est [1-5]. In particular, excimer lamps on xenon dimers
have been intensely developed [3-5]. To pump excimer
lamps, barrier discharges, which alow one to obtain
172-nm radiation with an efficiency of higher than 50%
[5], are most frequently used. Earlier, such a high effi-
ciency was obtained by pumping high-pressure xenon
by either an electron beam or an electron-beam sus-
tained discharge [6-8].

The highest efficiency was attained with lamps in
which asingle-barrier discharge was ignited between a
thin wire cathode |ocated on the tube axis and an anode
placed on the outer surface of a quartz tube. The xenon
pressure was fairly high (~100-200 torr). Simulations
[9] show that this pressure isindeed optimum for elec-
tron beam pumping. However, the kinetics of a plasma
pumped by an electron beam differs significantly from
the kinetics of a discharge plasma (see, e.g., [10]). In
this context, it is of interest to study the discharge phys-
icsin dense xenon. The discharge characteristics are, to
a great extent, governed by the processes occurring in
the cathode sheath. This paper is devoted to studying
the plasma parametersin the cathode sheath.

The following problems are considered. First, we
simulate electron multiplication near the cathode,
where the screening of the electric field by the plasma
is of minor importance. Then, based on the simulation
results and available experimental data, we obtain the
Townsend ionization coefficient, drift velocity, electron
mean energy, and other ionization characteristics as
functions of the electric field. These data are used to
solve the set of equations describing the current gener-
ation in the cathode sheath. Based on the simulation

results, simple analytical expressions for the cathode
sheath parameters are derived.

1. SSIMULATIONS OF IONIZATION
1.1. Smulations of Electron Multiplication

The problem is solved in cylindrical geometry. The
grounded anodeisacylinder of radius R, ~ 1 cm. The
cathode, which is awire of radiusry = 0.5 mm located
on the axis of the anode cylinder, isat the potential U ~
—0.5-3.0) kV.

In the absence of plasma, the electric field depends
on the distance r from the wire axis as

_UO 1
Ry

For the above parameters and in the absence of
plasma, the el ectric field near the cathodeisin therange
E, ~3-20 kV/cm.

Electron multiplication in electric field (1) was sm-
ulated by the particle method. The electron motion was
computed over acertain radia interval ry <r <r, (r,
r'or M2 < Rinay), Which was divided into ten to one hundred
cells. The numerical grid obtained was used to acquire
the statistics for the parameters under study (the ioniza-
tion rate, electron velocity, €l ectron mean energy, etc.).
The electrons were injected at a certain rate from the
point r = r; into the computation region. The energies
of theinjected electrons € were distributed by Poisson’s
law, P, = gyexp(—€/ey), with the characteristic energy
€y, Which was set at €, = 0.2 V. During the time inter-
vals between the el ectron injection events, the evolution
of all the electronsin the computation region wastraced
and statisticswas gained. For this purpose, thetime step
At was chosen such that, for any electron energy below

r
E(r) = Eo‘rgv Eo=E(ry) =
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3 keV, the electron displacement during this time step
did not exceed 30% of the mean free path (commonly,
under the above conditions, the time step was At =
0.5fs). At each time step, the equations of motion for
all the electrons (both newly injected and already resid-
ing in the computation region) in the electric field were
solved and the electrons were set at new positions.

The electrons that reached the boundaries of the
computation region (r = R, or r < R;,,) were excluded
from consideration (disappeared). The remaining elec-
trons underwent collisions with the collision probabil-
ity determined by Poisson’'s law

P,(Al) = 1—exp(-Al/L),

where Al is the distance passed by an electron for the
last time step and L is the electron mean free path.

To determine whether or not the collision occurs, a
random number u distributed uniformly over the inter-
val [0, 1] was generated. The collision was considered
to occur if, for a given Al, we obtained u < P,. To gen-
erate random numbers, we used a multiplicative gener-
ator.

The mean free path L is expressed via cross sections
as

Lt = Nyo[ 04 (€) + 05 (€) + T;(€)],

where¢ isthe e ectron energy and o, O, and g; arethe
cross sections for elastic scattering, excitation to the
first resonance level, and ionization, respectively (see
Section 1.2).

Then, by using the ratio among the cross sections
and with the help of the random number generator, we
determined which one of the collision events had
occurred: elastic scattering, excitation, or ionization.

In the case of elastic scattering, the electron vel ocity
was rotated by angles ¢ and x with respect to the previ-
ous electron velocity. For the angular distribution, we
used an expression proposed in [11] that models the
collision of an electron with a screened point charge at
low and moderate energiese,

€ dQ
4rin(1+€) . 2x . 0
%sn 2+1D @

f(¢,Xx)d¢d(cosx)

€ =

£
€’

where g, isthe characteristic energy. In subsequent cal-
culations, thisenergy isset at 1 eV.

To determine the scattering angles distributed in
accordance with this expression, pairs of random num-
bers (u, and u,) distributed uniformly over the interval
[0, 1] were generated. The scattering angleswere calcu-
No. 2
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lated using the expressions
~ Uy
cosy = 1—2(—“—-—%—:—1, b = 2mu,.

In the case of excitation, the electron energy was
decreased by the excitation energy, the velocity direc-
tion was changed in the same way as with elastic scat-
tering, and the number of the excited atomsin the given
spatial cell wasincreased by one.

In the case of ionization, a new electron appeared
and the number of ions in the given spatial cell was
increased by one. The spatial coordinates of a newly
born electron were assumed to be the same as those of
the parent atom. The energy € of the newly born elec-
tron was assumed to be distributed according to the
Thomson model: F(€) = I/(e —1)2. Therest of the energy
was given to the primary electron. The velocities of
both the primary and newly born electronswere distrib-
uted by formula(2), asin the case with elastic collision.

In the course of computations, statistics was gained
to determine the ionization frequency in different spa-
tial cells, the mean electron energy and the mean radial
velocity as functions of radius, the electron energy dis-
tribution function (EEDF), etc.

The computation time was chosen long enough not
only for the electron multiplication process to be estab-
lished, but also a reliable statistics for the computed
quantities to be gained.

1.2. Approximation of the Electron-Impact Cross
Sections

The elastic scattering cross section was calculated
by interpolating the table data. The data for energies of
0.01-20 eV were taken from [12]; for energies of 20—
36 eV, they were taken from [13, Fig. 3]; and for ener-
giesin the range from 36 eV to 3 keV, it was assumed
that the cross section decreased with energy as 1/€. The
ionization cross section in the range 0—3 keV was cal-
culated by interpolating the table data from [14].

For the sake of convenience, we derived approxima-
tion formulasthat generalized the available information
about the dependence of various cross sections on the
energy of the incident electron.

The elastic scattering cross section in the energy
range from 0.01 eV to 3 keV was approximated with an
accuracy of 20% by the expression

O 2 |, 12exp(6.6e)
4 +0.0045¢° Je U

where € is the energy of the incident electron in elec-
tronvolts.

In the same energy range, the single-ionization cross
section can be approximated with an accuracy of 15%

x 107 cmz,

0q4(€) =



0.1

0.01 | !
0.01 0.1 1 10

1000
g, eV

100

Fig. 1. Total cross section for electron collisions with Xe
atoms vs. incident electron energy. The solid curve is for
ionization; the dotted and dashed curves are for the excita-
tion to the first and second resonance states, respectively;
and the dashed-and-dotted curveisfor elastic collisions.

by the expression

125
G.(g) = 16(e—1) 177X10—18 sz, £21,
1+0.0032(e-1)"
where| = 12.13 eV istheionization energy of a xenon

atom and the electron energy € isin electronvolts.

For the excitation cross section in the energy range
0-3 keV, we used the following ssmplified approxima-
tion:

2(23-E,)(e-E,)
(e + 23— 2E,)° (3)
(e > E,, energies are in electronvolts).

Ou(€) = 4.24%x107° cm

Formula (3) approximates the known Drawin for-
mula (see [15, Fig. 9.4]) for the transition from the
ground state to the first resonant state 5p°6s (J = 1),

o(e) = 4Tra§ERyD f

CE,0
0 030
X D—In[l 25(u+1)] + —g,
Hu+1)° +10
_&e-E
u= E

wheretheenergy E; = 8.437 eV and thetransition oscil-
lator strength isf = 0.26. The parameter values in for-
mula (3) were chosen such that the integral of the cross
section and its maximum position match the integral
and the maximum position in the case of the Drawin
approximation.

In some runs, to estimate the effect of the excitation
processes on the local ionization parameters, we also

TKACHEV, YAKOVLENKO

took into account the excitation of Xe atoms to the sec-
ond resonant state 5p°6s[3/2], with the cross section

2(30-E,)(e-E,)
(e +30—2E,)°
(€ > E, energies are in electronvolts).

oP(e) = 29x 10" cm

This formula was derived in the same way as for-
mula (3), by fitting to the Drawin approximation with
the parameters E, = 9.57 eV and f = 0.27. The energy
dependences of the cross sections used in the calcula-
tionsare shownin Fig. 1.

lonization rates. Based on the above approxima-
tions, we calculated the rates of the collision-induced

transitions, k = I o (€)(2e/my)Y?f(€)de, where f(€) is the
EEDF.

Figure 2a presents the rates of the collision-induced
transitions calculated for the case of a Maxwellian
EEDF

/\/_
[ 3/2

wherem, isthe electron mass and T, isthe electron tem-
perature. It can be seen that significant excitation and
ionization occur at a mean electron energy of higher
than 1 eV.

However, a mean electron energy of severa elec-
tronvoltsis actually insufficient for efficient ionization.
This fact contradicts the results of simulations of elec-
tron multiplication by the particle method. Calculations
show (see below) that the mean electron energy
exceeds 1 eV aready at E ~ 100 V/cm. However, in
reality, ionization begins to dominate over excitation at
significantly higher electric fields. The point is that,
near the cathode surface, the electron energy distribu-
tion is closer to a Druyvesteyn distribution than to a
Maxwellian one.

The result of averaging the cross sections using the
Druyvesteyn distribution

f(e) = fo(e)

f(e) = fu(e) =—=—exp(-¢€/T,),

_ 2 Bmg [e  O3mel
= F@d e (e PEm -
0 Xes2]

isillustrated in Fig. 2b. Here, I'(3/4) = 1.225; myisthe
Xe atomic mass; and &, = eE/(04Ny,) is the energy
acquired by an electron in the electric field E over the
distance | = 1/(o4Ny.), which the electron travels
between two successive elastic collisions.

At a given density of Xe atoms, the frequencies of
ionization, v; = kiNy,, and excitation, Ve, = ke Ny, aver-
aged using a Druyvesteyn distribution, appear to be
functions of the electric field E only. It is seen that the
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109k
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Fig. 2. (8) Rate constants of the electron-impact ionization
and excitation of Xe atoms vs. electron temperature and
(b) the ionization and excitation frequencies vs. electric
field. The solid curves show the rate constant k; and the ion-
ization frequency v; (an ionization threshold of 12.13 eV),
the dotted curves show the rate constant Kex1 and the fre-
quency Ve Of the excitation to the 5p 69[3/2], state (an
excitation threshold of 8.437 eV), the dashed curves show
the rate constant Kexo and the frequency v, of the excita-
tion to the 5p 6s[3/2], state (an excitation threshold of
9.57 eV), and the dashed-and-dotted curve showsthe elastic
collision rate constant kgy.

high ionization efficiency, v, <Vv; ~10'°s?, isachieved
at E~10*V/cm.

1.3. Calculated Results and Approximations

Electron multiplication. In calculations, the xenon
density was assumed to be relatively high, Ny, = 4.4 x
10 cmr3. Intense electron multiplication and electric
field screening take place in a narrow layer, whose
thickness is much smaller than the cathode diameter.
Generally speaking, the dependence of thelocal ioniza-
tion parameters on the electric field should be deter-
mined by the modeling of the multiplication processin
plane geometry (provided that the external electric field
is uniform). In calculations of the ionization parame-
ters, plane geometry was provided by choosing a suffi-
ciently large cathode radius of curvature, ry = 10° mm,
which is larger than all the other characteristic dimen-
sions. Thetypical calculated resultsareshownin Fig. 3.

Simulations show that, the number of Xe atoms
excited and ionized by electron impact exponentially
TECHNICAL PHYSICS Vol. 48
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Fig. 3. Electron multiplication parameters calculated in
plane geometry for an electric field of Eq = 9400 V/cm and
axenon atom density of Ny, = 4.4 x 10*® cm™ (which cor-

responds to a pressure of 137 torr at room temperature):
(a) the numbers of the created ions n; (diamonds) and the
excited atoms ng, (squares) vs. distance x from the cathode;
the solid curveisn;(x) = 7exp(180x/cm); (b) the mean elec-
tron velocity uy (diamonds) along the x axis (along the elec-
tric field) and the mean electron velocities uy, (crosses) and
U, (squares) along they and z axes, respectively, asfunctions
of x; (c) the mean electron energy vs. x; and (d) the EEDF
obtained by averaging over al the electrons in the interval
X = 250400 pm (the symbols show the simulation results
and the dotted curve shows the dependence f(g) =
0.5exp(—0.59¢).

increases with distance x from the cathode (Fig. 3a).
The x-component of the mean electron velacity, u,,
directed along the electric field; the mean electron
energy, €*; and the ionization frequency, v;, depend
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Fig. 4. lllustration of the transition to the electron runaway
regime. The mean electron velocity vs. distance x from the
cathode for an electric field of Eq (a) 1.07 x 10° and
(b) 2.13 x 10° v/em: U, (diamonds) is the mean electron
velocity along the x axis (along the electric field) and u
(crosses) and u, (squares) are the mean velocities along the
y and z axes, respectively.

dightly on the x coordinate (Figs. 3b—-3d). The EEDF
has a maximum at an energy lower than the ionization
energy and decays exponentialy at energies higher
than the ionization energy (Fig. 3e).

This agrees with the Townsend theory, according to
which the ionization frequency v; is related to the
Townsend ionization coefficient a via the simple
expression

Vi = OUe, (4)

where u, isthe mean electron velacity along the electric
field and the Townsend coefficient shows the number of
the ionization events produced by an electron per unit
path length. It isimportant that a and u, mainly depend
only on E/N and do not depend on the x coordinate. This
fact is confirmed by the results of our simulations for
the gas density that is one hundred times lower, namely,
for Ny = 4.4 x 10 cm3,

Note that the Townsend theory holds for electric
fields that are lower than a certain critical value E,. At
E < E, the mean eectron velocity continuously
increases with distance; i.e., a runaway of electrons
occurs. The transition to the runaway regime is illus-
trated in Fig. 4. At E = 1.1 x 10° V/cm, the electron
velocity is almost constant, and at E = 2.1 x 10° V/cm,
the mean electron velocity continuously increases.

TKACHEV, YAKOVLENKO

According to the calculated results, the critical elec-
tricfield for xenon is E, = 10%(Ny/3.2 x 10'® cn3) V/em.
Below, we present approximations of the electron mul-
tiplication parameters corresponding to E < E,.

Approximations of the multiplication parame-
ters. We performed a series of simulations (similar to
those presented in Figs. 3 and 4) for different electric
fields. Based on both these simulations and the experi-
mental data, we proposed approximations for depen-
dences of some quantities (that are used bel ow in the set
of equations describing the plasma formation in the
cathode sheath) on E and N (Fig. 5).

The dependence of the Townsend coefficient on the
electric field is in good agreement with the known
approximation [13]

a(E) = C;Nexp(-Cy(N/E)™), (5)
where C; = 2.03 x 10 cm? and C, = 2.014 x
107 cm32V Y2 gre the fitting parameters (Fig 5a).

The measured dependence of the drift velocity on
the electric field (see [13] and Tables 3, 4 in [16]) was
supplemented with the simulation results and approxi-
mated (Fig. 5b) by the expression

4.18 x 10°°E/N + 1.44 x 10"°(E/N)°

Ug o(E) =
d, o(E) 1+ 4.06 x 10106(E/N)5.8 ©
2E_ ] 17N
+4.18 x 10 N exp D—6.82 x 10 =h] cmi/s.

Here and below, in the approximation formulas, N isin
cm2and EisinV/cm.

The calculated ionization frequency v; (Fig. 5¢) asa
function of the electric field is approximated to within
afactor of 3 by the product of expressions (5) and (6).
The calculated mean electron energy and the experi-
mental data [16] are described by the approximation
(Fig. 5d)

£ = 0.026 + (5.5—0.026)

-QENDO'S uE (7)
X exp[—2.05 x 10 D } +4.4x%10 N’ ev.

To solve the equations describing the plasmaforma-
tion in the cathode sheath (see below), we also need to
know the dependence of the ion drift velocity on the
electricfield. This dependence was obtained by approx-
imating the experimental data of [15, 16]:

1+2.1x 108 E|?
Ug; = 3.3 10" 1N5 ‘E‘ cm/s.  (8)
1+1.056 x 10 E‘ N
TECHNICAL PHYSICS Vol. 48 No. 2 2003
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2. SSMULATIONS OF THE ELECTRON
AND ION CURRENTS

2.1. Formulation of the Problem

Basic equations. In the cathode sheath, aplasmais
formed that screens the electric field. The process of
plasmaformation is described by the momentum trans-
fer equation, the continuity equations for electrons and
ions, and Poisson’s equation. In asteady state, in which
the ionization and transfer processes in the cathode
sheath comply with a given boundary electric field, the
basic equations are asfollows [11, 17, 18]:

Ue = —ebE — (De/Ne)grad(Ne),
div(NeUe) = ViNe,
div(E) = 4me(N; - N,);
ui = ebE—(Di/N;)grad(N;),
div(N;u;) = v;N..

Here, e is the electron charge, u is the mean velocity,
b is the mobility, D is the diffusion coefficient, N isthe
density, and E is the electric field; the indices e and i
stand for electrons and ions, respectively.

Let usturn to cylindrical geometry. In this case, we
have grad — d/dr and div — (1/r)d(r-)/dr. Here, itis
convenient to introduce the linear current densities

je = 2TeUN.r, |, = —21ey;N;r. 9

Then, using the charge conservation law in the form
Je T Ji = jo = const and expressing the particle densities
viathe current densities, we obtain the following set of
equations

dje
dr
dN, je  beEN,
dr 2nerD, D, ’
ﬂ — je_jo +biENe
dr =~ 2merD, D, '

= —2merv;N,,

(10)

dE _ Ny _E o
a - 4T[e(Ni Ne) r’ Ji Jo— e

The right-hand sides of Egs. (10) are specified by
the expressions

Uq,i(E) = eb(E)E,

Di(E) = Tib(E),

ud, e( E) = ebe( E) E,

(11)
De(E) = e*(E)bi(E),
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Fig. 5. lonization and drift parameters vs. electric field at Ny = 4.4 x 10'8 cmi™: (a) Townsend coefficient approximated by formula (5)

(solid curve) and obtained in simulations (symbols); (b) the el ectron drift vel ocity from [13, 15] (symbols, E = (0.1-1.6) x 1O4V/cm)
and simulated (symbols, E > 1000 V/cm), the solid curve shows the approximation by formula (6); (c) the ionization frequency
obtained in simulations (symbols) and from approximations (5) and (6) for the Townsend coefficient and the drift velocity, respec-
tively (solid curve); (d) the characteristic electron energy obtained in simulations (symbols, E = 103-10° V/cm) and from approxi-
mation (7) (solid curve) and the datafrom [15] (symbols, E = 0.1-100 V/cm); and (€) theion drift vel ocity approximated by formula

(8) (solid curve) and the data from [15, 16] (symbols).
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Fig. 6. Plasma parameters vs. distance from the cathode x =
r —rq for jp = 20 mA/em, Ny, = 4.4 x 10'8 em™, Ej =
34 kV/em, & = 0.07, and { = 1.16: (8) the electron (solid
curve) and ion (dotted curve) densities, (b) the electron
(solid curve) and ion (dotted curve) currents, and (c) the
electric field (solid curve) and change in the electric field
potential Ad(r) = d(rg) — ¢(r) (dotted curve).

where T, = 0.03 eV isthe ion temperature and the quan-
tities ug, Uy, and * are specified by formulas (5)—7).

Boundary conditions. In order to solve the set of
equations (10), boundary conditions should be
imposed. In particular, at the large distances from the
cathode, the ion and €l ectron densities should be equal
to each other:

Ne(r —=0) = Ni(r — ). (12)

In this study, we used the “shooting” method. The
boundary conditions for the electron current, electron

TKACHEV, YAKOVLENKO

and ion densities, and electric field wereimposed at the
cathode surface, i.e., atr =ry:

jeO = je(r = r0)1 NeO = Ne(r = r0)’

(13)
Nio = Ni(r =r1q), Ey = E(r =ry).
The value of j, was determined by using the preset
values of thetotal current j, and the secondary electron
emission coefficient &

Jeo = Jo&/(1+8). (14)

The boundary value of the ion density was set such
that its gradient at the boundary was zero,

Nio = Jjof (2Terqb;(Eo) Eo). (15)

In the first approximation, the boundary value of the
electron density was obtained from the condition that
its gradient at the boundary comply with the Townsend
multiplication,

Neo = Cjo[2mery(be(Eo) By + De(Ep)a(Eyp))], (16)

where § is afitting factor.

Then, the set of equations (10) was solved for given
values of j, and E, with boundary conditions (13)—(16)
at & = 1. Usually, the solution obtained did not satisfy
condition (12). This condition was then satisfied by
matching the & value. Note that, although the resultant
¢ valueinsignificantly differed from unity, the solution
was very sensitive to its exact value.

2.2. Smulation Results

Typical results from simulations of the plasma
parameters in the cathode sheath are shown in Fig. 6.
The total current j, = 20 mA/cm is taken from the
experiment. Due to the screening of the electric field,
the potential drop occursin a very narrow sheath (see
below); for this reason, the boundary €electric field was
set somewhat higher than follows from formula (1) for
the electric field in the absence of plasma.

It can be seen from Fig. 6 that the physical processes
can be described as follows. The intense electron mul-
tiplication occurs in a sheath of thickness Ax ~ 30 pm.
Within the sheath, the electric field is screened by the
ion charge. At x ~ Ax, the electric field decreases to a
value at which the multiplication amost stops. Then,
the electron and ion densities become nearly equal to
each other and the current is mainly carried by elec-
trons.

The potential drop across the sheath is relatively
low, Abg = |d(ro) —P(rg+ 100 pm)| =59 V. It comprises
asmall fraction of the discharge voltage U, ~ 0.5-3 kV.
The rest of the voltage, Uy, — Ad, ~ Uy, falls on the
quasineutral plasma, in which electron heating and,
accordingly, thermal ionization play an important role.
Here, we will not consider this region.
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3. PLASMA PARAMETERS IN THE CATHODE
SHEATH

3.1. Effect of the Cathode Electric Field

Assuming that the current is determined by the cath-
ode sheath parameters, j, = 21U N;of o, We expressit as
afunction of the electricfield at the cathode E,. For this
purpose, we determine the ion density from the condi-
tion for the electric field screening,

Nio(Eo) = Eo/(4TeAX(Ey)). (17)

Let us estimate the sheath thickness via the
Townsend coefficient,

AX(Eg) = In(L/€)/a(Ey). (18)
Asaresult, we obtain
joEy) = SelEo)Eolo (19)

20X(Ey)

The quantities on the right-hand side of this expres-
sion are specified by formulas (4), (7), (17), and (18).

The potential drop across the cathode sheath can be
estimated by the expression

Ado(Eop) = EoAx(Ey)/2. (20)

The dependences of these quantities on E, and the
xenon density are shown in Figs. 7 and 8. It should be
noted that, generally, dependences (17)—(20) do not
allow oneto predict the plasma parametersin the cath-
ode sheath. The matter is that the value of E, is not
known a priori and, thus, should be measured. One
only knows the voltage across the discharge gap, U,,
whichisto berelated to E,. Formula (1) cannot be used
for this purpose. Since the voltage drop A, across the
cathode sheath islow compared to U, we need to con-
sider aregion far from the cathode to find E,, which is
beyond the scope of this study.

3.2. Relaxation Times

The relaxation time of the electron density near the
cathode isdetermined by theionization frequency v;. At

E ~ 3 x 10* V/cm, this time is rather short; v;* ~ 5 x
10" sat Ny, = 4.4 x 10'® cmrS,

The relaxation time of the ion current near the cath-
ode (X <€ AX), T, iS significantly longer:

Tion 0(Ug (E)AX) ™0 107" s,

Here, ug(E) istheion drift velocity, which amounts to

~5 x 10* cm/s at E ~ 10* V/cm. The optimum duration
of the pumping pulse should be longer than T,

Between the pulses, recombination occurs. For the
plasma in the cathode sheath not to recombine com-
pletely between the pulses, the repetition rate of the
pumping pulses should not be too low.
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Let us consider two recombination mechanisms for
electrons and ions; the surface and the volume ones. On
the cathode surface, the recombination time between
the pumping pulses is determined by the ion diffusion
time

Tt O(Vye/ Oy NyAXD) 0 1.7x10° s

in alayer of thickness Ax ~ 30 um. Here, 0, ~ 1.2 x
10* cm? is the cross section for resonant charge trans-
fer between Xeionsand atomsand vy, ~ 2.7 x 10* cm/s
isthe thermal velocity of Xe atoms.

The characteristic time of volume recombination,

Tas 0(0gsN;) 0 5x107 s
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is determined by the dissociative recombination rate
constant oy ~ 2 x 107 cm?/s, because at the pressures
used, the conversion of atomic ionsinto molecular ions
proceeds rather rapidly. Here, based on the calculated
parameters of the cathode sheath, the ion density is set
at N, ~10%? cm3,

It isseen that, at the pulserepetition ratein therange
f ~ 10-100 kHz, the ion density in the cathode sheath
does not decrease below N, ~ 10°-10% cmr3,

4. CONCLUSION

In this study, we have simulated the development of
an electron avalanche in xenon. Based on the simula-
tion results and the available experimental data, analyt-
ical approximations of the quantities characterizing the
electron multiplication in the cathode sheath have been
proposed. The critical electric field has been found,
above which the runaway of electrons occurs. It is
shown that, in high-pressure xenon lamps, there are no
runaway electrons; consequently, these electrons can-
not be the main cause for the formation of avolume dis-
charge in asingle-barrier xenon excimer lamp.

Based on the approximations proposed, the depen-
dences of the plasma parameters (the electron and ion
densities and currents and the electric field) on the dis-
tance from cathode have been analyzed. Simple formu-
|as that determine the total current, the cathode sheath
thickness, and the voltage drop across the sheath as
functions of the electric field on the cathode surface
have been proposed.

The study above alows us to draw conclusions
regarding the cathode sheath in a xenon lamp with a
cylindrical electrode about one millimeter in diameter.

In the cathode sheath, el ectron multiplication occurs
and the electric field is screened by theion charge. At a
pressure of ~100 torr and an electric field of about
10 kV/cm, the cathode sheath thickness turns out to be
smaller than the wire radius by one order of magnitude.
Because of the small sheath thickness, the voltage drop
across the cathode sheath is significantly lower than the
voltage applied to the discharge gap. At agiven electric
field at the cathode, the screening of the electric field in
the cathode sheath limits the current density through
the sheath.

The results obtained allow one to self-consistently
consider the problem of the excitation of discharge
xenon lamps.
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Abstract—The properties of experimental thermionic converterswith emitters made of oxygen-containing sin-
gle-crystal tungsten are studied. Thetungsten is produced by the chloride CVD method. Such emitters not only
perform their basic function in the converter but also serve as an “internal” oxygen source. An attempt is made
to raise the emitter temperature in order to increase the maximal output of the converter using the new emitter
material. The efficiency of applying an oxygen-free single-crystal tungsten collector is contrasted with that
when the collector is made of polycrystalline tungsten or Cb-1 niobium aloy. © 2003 MAIK “ Nauka/Interpe-

riodica” .

INTRODUCTION

Today, it is obvious that arc cesium thermionic con-
verters (TCs) with single-crystal tungsten electrodes
hold much promise [1]. However, a number of issues,
such as the introduction of oxygen into the interelec-
trode space to improve the TC output and the choice of
the most efficient collector material, are still incom-
pletely understood. It was suggested [2] that oxygen be
introduced from an internal source, single-crystal oxy-
gen-containing tungsten [3-5]. In thiswork, we usethis
new emitter material with a “high-temperature” work
function of 5.7 eV in pilot TCs.

Along with conventional Cb-1 niobium alloy, which
contains about 1% Zr, several oxidized refractory met-
als have been studied [6-11] in an attempt to improve
TC output. However, as early as about 40 years ago,
Bol’shov and Zharinov [12] noted that the collector sur-
facein an operating TC will inevitably be contaminated
by emitter material evaporation products. Therefore,
later [13] TCs with a polycrystalline tungsten collector
were studied. In this work, we apply a collector made
of single-crystal tungsten and compare the associated
TC with those where the collector is made of polycrys-
talline tungsten or Ch-1 aloy. Earlier [14], the single-
crystal tungsten collector was used in experimental TCs
with ceslum-barium fillers in an effort to achieve the
maximal adsorption of barium.

Of interest also is the examination of the output
characteristics of cesium—oxygen TCs with tungsten
electrodes at elevated temperatures. Such a seemingly
easy way to improve TC output runs into difficultiesin

terms of materials science. Estimates and experiments
made for an oxygen-free arc cesium TC of cylindrical
geometry (where the emitter was made of zirconium
carbide and the collector, of aluminum) have shown
[15] that, with an electrode spacing of about 5 mm, the
power density at alevel P > 40 W/cm? can be provided
at emitter temperatures as high as T, = 2500 K. Under
these conditions, the efficiency has been demonstrated
to exceed 16%, reaching 25% at T, = 3050 K and P =
106 W/cm?. Our efforts to approach these temperatures
in thiswork have not met with much success.

The goal of this study was to gain additional infor-
mation concerning the three aspects mentioned above.

EXPERIMENTAL

The studies were performed on experimental cylin-
drical monomodular TCs. Their emitters were made by
the original CVD technique [3], which provides the
production of tubular tungsten single crystals faceted
by six (110) planes and containing an increased amount
of oxygen (103-102 wt %) in the form of aquasi-solid
solution. Such emitters exhibit a sharp temperature
dependence of the work function, which reaches 5.6—
5.7 eV at temperatures above 2000 K [2, 5]. Before
being used in cylindrical TCs, single-crystal tungsten
tubes were turned with a lathe and then electrochemi-
cally polished in an alkaline solution to remove the
damaged layer (about 100 um thick). After such pro-
cessing, the work function declined to 5.2 eV. Tubular
rear parts, one of which had adead end, were welded to
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both sides of the emitter by electron beam welding. The
rear parts had specia positioning shoulders, which
were seated against the ceramic belts of the collector
unit upon assembling and thus specified the electrode
spacing. A tubular tungsten resistance-type heater was
inserted into the emitter. A holeto receive aW (5% Re)/
W(20% Re) tungsten—rhenium thermocouple was pre-
drilled on the emitter end face.

The collector unit was prepared by the gas-static
pressing of athree-layer tubular pile[16, 17]. After the
pressing, the inner metal layer, which served as a coat
through which the ceramic layer was consolidated and
simultaneously the collector and ceramic layer were
diffusion-welded to the outer metal layer, was removed
by turning. With this coat removed, the ceramic and
collector layers became exposed and the collector layer
was electrochemically finished. Thus, theinner layer of
the collector bank was composite. After assembling,
the central part of the collector unit, where the collector
itself islocated, faced the emitter. The remaining part of
the collector unit had an inner insulating ceramic coat-
ing. As a collector layer, we used tubular single-crystal
tungsten with the [1110axis grown by oxygen-free
chloride CVD. For comparison, collectors were made
of polycrystalline tungsten and Cb-1 niobium alloy
(I wt % Zn+0.1wt % C). A branch pipefor evacuating
the module and for cesium vapor delivery was welded
into the side of the collector unit, and atubular vacuum-
tight Nb—-Al,O;—Nb pressure seal was welded to the
open end of the module.

Upon assembling the module, the dead end of the
emitter unit with the calked-in W(5% Re)/W(20% Re)
thermocouple was inserted into the collector cavity,
which is also dead at one end. The rare part of the open
end of the emitter unit had an expansion whose diame-
ter was matched to that of the pressure seal welded to
the collector. Once the emitter unit had been com-
pletely mounted, the emitter and collector faced each
other, the expanded end was in intimate contact with
the cylindrical niobium gland of the seal, and the emit-
ter—collector spacing (0.25-0.30 mm in our case) was
specified by the positioning shoulders. The assembling
procedure was compl ete when the end face of the gland
was circumferentially soldered to the expansion of the
emitter rare part by electron-beam welding.

The assembly (module) was placed on atest bench
to measure its output characteristics. The module was
insulated from the bench by ceramic sleeves. Thework-
ing section of the bench consists of three hollow coaxial
cylinders producing two isolated cylindrical spaces.
The inner space, providing gas cooling, was in direct
contact with the collector. The outer space was a water
jacket. By varying the pressure in the gas space, aswell
asthe water flow ratein the jacket, one could vary con-
ditionsfor heat transfer from the modulein operation to
the coolant and thus control the collector temperature
over wide limits. Appropriate temperature conditions
during the tests were established with electrical heaters
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(a nichrome wire in a quartz sheath) mounted on the
outer surface of the working section. The power of the
heaters was set and maintained with current- and volt-
age-controlling VRT-3 temperature regulators. The
temperature was measured with Chromel—-Alumel ther-
mocouples mounted on the outer surface of theworking
section and on the module. The characteristic working
parameters were T = 773-1073 K, pressure in the gas
space P = 0.7-700 Pa, and water flow rate in the jacket
G=05I/s.

The vacuum—cesium system (VCS) provided the
desired pressure in the interelectrode space before
cesium vapor delivery, the maintenance and control of
the cesium vapor pressure within given limits, and the
cesium condensation at a given site at the fina test
stage. TheVCS basic e ement is atwo-chamber cesium
thermostat. One chamber isfilled with cesium, whilein
the other, cooling tap water circulates. The cesium
chamber is connected to the interel ectrode space of the
module and to high- and low-pressure vacuum pumps.
The thermostat is communicated with the interelec-
trode space and pumps (in turn or simultaneously) viaa
tee. The thermostat and the VCS communications
throughout their length are equipped with electrical
heaters controlled by theV RT-3 temperature regul ators.

The residua pressure in the interelectrode space
was measured with a VIT-3 vacuum gauge. The test
conditions provided a static residual pressure in the
interelectrode space of no more than (1-3) x 10 Pa.
The cesium vapor pressure in the interel ectrode space
was varied by varying the thermostat temperature and
was kept between 300 and 700 Pa. The temperature of
the thermostat and pipelines was measured with the
Chromel-Alumel thermocouples.

Once the whole system had been degassed and the
modul e had operated as a converter for about 100 h, we
took the current—voltage characteristics | = f(U) at dif-
ferent emitter (T,) and collector (T, temperatures.
Then, the heaters of the VCS were switched off. Asthe
thermostat temperature was reduced to T = 320350 K,
water started circulating in the cooler of the thermostat,
providing the condensation of the cesium vapor init.

RESULTS

Figure 1 shows examples of the current—voltage
curves and associated dependences of the maximal out-
put power density on the output voltage, P = f(U), for
the module with the single-crystal tungsten electrodes
at T,=2100K and T, = 800-1300 K. From the current—
voltage characteristics, the dependences P = f(T,) and
P =1(T,) (Figs. 2, 3) for the modules with different col-
lectors were constructed.

From Fig. 2, it follows that, first, the output of the
modul eswith the tungsten collectorsis more than twice
as high as that for the module where the collector is
made of the niobium aloy (cf. curvesa, b, and ¢). Sec-
ond, the efficiency of the tungsten collector, unlike the
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emitter, isalmost independent of whether single-crystal
or polycrystalline tungsten is used (cf. curves a and b).
Third, the output vs. emitter temperature dependence
has two clear-cut portions in all the cases. At tempera-
tures up to 1900-1950 K, the curves rise only dightly
or even tend to saturate. At higher temperatures, the
output grows sharply. In the case of the niobium collec-
tor, therise rapidly changes to the tendency toward sat-
uration; for the tungsten collectors, the curves continue
to increase sharply. Unfortunately, we could not
increase the temperature above 2100 K with our bench;
however, the run of these curves implies that they do
not even approach saturation.

All the dependences P = f(T,) in Fig. 3 have a peak.
The peaks in the panel ¢ (niobium collector) appear at
a collector temperature of 900 K. For the modules with
tungsten collectors (panels a, b), the peak corresponds
to collector temperatures of no lower than 1000 K.

DISCUSSION

As was mentioned in the Introduction, one of the
main goals of our study was to estimate the efficiency
of oxygen-containing single-crystal CVD tungsten as
an emitter material of cesium—oxygen TCs [3]. This
emitter material offers high adsorptivity and emissivity
and additionally can serve as a source of oxygen arriv-
ing from the bulk of the emitter directly at the emitting
surface as the emitter is heated [4]. Experimental
resultsreported in the previous section (Figs. 1-3) dem-
onstrate various aspects of the oxygen effect. Impres-
sive are the sharply increasing temperature depen-
dences of the power generated at emitter temperatures
higher than 1900-1950 K for the modules with the
tungsten collectors (Fig. 2). It was shown [4, 5] that at
temperatures above 1900 K, the oxygen flow from the
bulk to the surface is greatly enhanced, substantially
increasing the work function of this surface. With the
cesium vapor present over the emitter surface, cesium
is adsorbed on the surface more intensely. It was dem-
onstrated [4] that the temperature dependence of the
output of experimental TCs with emitters made of oxy-
gen-containing single-crystal tungsten is well approxi-
mated by a straight line when plotted in the Arrhenius
coordinates. The apparent energy of activation found
from the slope of this line turned out to be close to that
of gaseous impurity diffusion in tungsten.

Figure 4 showsthe Arrhenius plot of the output con-
structed from the averaged data for the modules with
oxygen-containing tungsten emitters. Data points are
seen to lie well in a straight line (a correlation coeffi-
cient r = 0.984), which alows us to extrapolate it. The
output was found to be zero at T = 1458 K, i.e, pre-
cisely inthe middle of theinterval 1400-1500 K, where
noticeabl e electron emission from the tungsten surface
is usually observed. Since the emitter temperature was
limited by 2100 K in our tests, extrapolation toward
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Fig. 1. Current-voltage characteristics of an experimental
arc cesium—oxygen TC with single-crystal tungsten elec-
trodes. The emitter temperature is 2100 K. The collector
temperatureis (1) 800, (2) 900, (3) 1000, (4) 1100, (5) 1200,
and (6) 1300 K.
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Fig. 2. Output vs. emitter temperature dependence for mod-
ules with different collector materids: (a) single-crystal
W11 (b) polycrystalline W, and (c) Cb-1 alloy. The col-
lector temperatures are (1) 800, (2) 900, (3) 1000, (4) 1100,
(5) 1200, and (6) 1300 K.

higher temperatures was also of interest. As follows
from Fig. 4, the output extrapolated to T, = 2500 K

reaches 80 W/cm?.
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Fig. 3. Output vs. collector temperature dependence for
modules with different collector materials: (a) single-crys-
tal WI11L) (b) polycrystalline W, and (c) Cb-1 aloy. The
emitter temperatures are (1) 2100, (2) 2000, (3) 1900,
(4) 1800, (5) 1700, and (6) 1600 K.

The results of this work was compared with those
found earlier for experimental cesium—oxygen and
high-temperature TCs (Fig. 5). The most complete data
were published 30 years ago. In [18], cylindrical mod-
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Fig. 4. Polytherm (in the Arrhenius coordinates) of the out-
put of oxygen-containing modules (averaged over data pre-
sented in this work). The arrows indicate extrapolated
values.
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ules with an emitter made of tungsten produced by
chloride CVD and [110Ckextured were studied. Unlike
the tungsten used in our work, that in [18] is not single-
crystal and, moreover, is oxygen-free (the oxygen con-
tent inthismaterial isat least no higher than 10-° wt %).
The collector was covered by an oxygen-containing
molybdenum coating applied by vacuum evaporation.
The output averaged over five modules was found to be
9 W/cm?. One of the most carefully designed modules
(unfortunately with plane-parallel electrodes) was ana-
lyzed in [7]. The emitter material, tungsten with the
[(1100texture obtained by chloride CVD, had a work
function of 4.85 eV. The collector was made of nontex-
tured polycrystalline tungsten. The emitter was el ectro-
chemically polished and decarbonized by heating under
alow oxygen pressure at T, = 1900 K. Then, the cesium
vapor was delivered, the current—voltage characteristics
were taken, and the cesium was removed. The inner
surfaces of the module were oxidized at T, = 1073 K,
and thework function asafunction of T, was measured.
AsT_ grew, so did the emitter current, which isadirect
indication that oxygen comes to the emitter surface
from the collector. The current—voltage characteristic
taken after the oxidation showed a much higher output
than before the oxidation: at the same current density

P, V\{/cm2
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Fig. 5. Polytherm of the output of oxygen-containing mod-
ules: (1) our data for the module with the single-crystal
tungsten collector (the top-most point is found by extrapo-
lation), (2) [6], (3, 4) [7], (5) [15], and (6) [21]. All the
curves are extrapolated to the zero power.
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10A/cm?, the output voltage increased more than twice
from 0.2 to 0.46 V. The output vs. T, dependences
before and after the oxidation were al so given (curves 3
and 4 in Fig. 5). Note that the long-term testing of the
cesium—oxygen module performed in [7] showed that
the output was stable within several percent during the
operation for 1400 h.

The results cited above and our data (curve 1) indi-
catethat, at temperatures between 1500 and 1900 K, the
output of al the cesium—oxygen TCs is roughly the
same and twice as high as that of the TCs where the
amount of oxygen is insufficient for the oxygen effect
to be significant (cf. curvesin Fig. 2a—2c and curves 3
and 4 in Fig. 5). Unfortunately, we failed to find pub-
lished data for the high-temperature operation of
cesium—oxygen TCs. As for our results (curve 1 in
Fig. 5), they show that the output rises sharply at 1900—
1950 K. However, for high-temperature oxygen-free
modules [15, 19], the rise is not so dramatic (curves 5
and6inFig. 5). Itisseenthat at T = 2500 K, the char-
acteristics of these modules are on averagethrice aslow
as in our case. This difference seems to increase still
further with temperature, as follows from the run of the
associated curves.

Thus, oxygen-containing single-crystal tungstenisa
promising emitter material for arc cesium—oxygen TCs,
its advantage being exploited most fully at high temper-
atures.

Some points on the choice of the emitter material
need to be made. The general considerations concern-
ing the steady-state condition of the operating TC sur-
face are not quite adequate. When discussing Fig. 2, we
noted that the difference between the curves P = f(T,)
for the niobium and tungsten collectors is that the
former not only runs below the latter but also tends to
saturate at temperatures higher than 2000 K. It should
be emphasized here that the emitter material in all the
TC experimental designs was the same: oxygen-con-
taining single-crystal tungsten. Therefore, the only rea-
son for this difference is the difference in the collector
material. It can thus be concluded that the use of tung-
sten collectors in cesium-oxygen TCs is particularly
promising in the sense that they do not absorb the oxy-
gen entering into the interelectrode space from the
emitter. In this sense, it really does not matter whether
single-crystal or polycrystaline tungsten is applied.
The same emitter, when combined with zirconium-
doped niobium collector, is half as efficient, since the
oxygen from the gas phase is absorbed by niobium and
then irreversibly combines with the zirconium present
in the alloy to form zirconium oxide [20]. Eventually,
the steady state, which is characterized by the satura-
tion of the dependences P =1(T,), isestablished (Fig. 2).

Thus, materials that do not absorb oxygen, such as
tungsten, are the materials of choice for cesium-oxy-
gen TCs.

Of great interest are the curves P = f(T,) in Fig. 3. It
was noted in the previous section that the optimal tem-
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perature of tungsten collectors in cesium—oxygen TCs
can be substantially increased. For oxygen-free mod-
uleswith niobium collectors, the optimal collector tem-
peratureisnear 900K (curveinFig. 3c). At 1100 K, the
output dropsto 7 W/cm?. Temperature optimum in this
case reflects the establishment of the complex steady
state influenced by many factors. For oxygen-contain-
ing modules with tungsten electrodes, the optimum
shiftsto 1000—1100 K (curvesin Fig. 3aand 3b). With
the collector temperature increased by further 200 K,
the output remains at alevel of 18-20 W/cm?. This still
more complex steady stateis affected by additional fac-
tors due to the presence of oxygen in the interelectrode
gap. For detailed analysis of this effect, additional
experimental data (omitted in this paper) must be
invoked.

Since actual nuclear power plantswith aTC [1] are
designed for operation in space, heat removal from the
collector is accomplished by radiation alone; that is, a
heat sink is abasic component of aTC. An increase in
the radiator temperature by 200-300 K would allow
engineersto considerably reduce the weight and overall
dimensions of a heat sink and the system as whole.

CONCLUSIONS

(1) Oxygen-containing single-crystal tungsten is a
promising material for emitters of cesium—oxygen TCs.

(2) The maximum efficiency of this emitter material
isreached at temperatures of higher than 1900 K.

(3) The maximum efficiency of cesium—oxygen TCs
can be reached by using collector materials that do not
absorb oxygen.

(4) When tungsten is used as a collector material
that does not absorb oxygen, the optimal collector tem-
perature can be raised to 1000-1100 K and, accord-
ingly, the weight and overall dimensions of related
power plants can be greatly reduced.
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Abstract—The spatia structure of the lower mode of ion-acoustic instability in the plasma of the continuous
discharge of a high-current argon ion laser is studied experimentally. The oscillations in the intensity of the
spontaneous Arll line radiation from the plasma are recorded in different directions in cross sections perpen-
dicular to the discharge axis. The power spectraof theintegral projections of radiation are obtained and used to
reconstruct the two-dimensional spatial structure of the mode, which is identified by using the available theo-

retical models. © 2003 MAIK “ Nauka/Interperiodica” .

INTRODUCTION

At present, ion gas lasers are the most powerful
sources of continuous coherent radiation in the visible
and near ultraviolet spectral regions. As an active
medium of these lasers, low-pressure high-current dis-
charges generated in cylindrical tubes5<d<30mmin
diameter are used [1]. Earlier, it was experimentally
established that, under optimal (with respect to the gen-
eration power) conditions, in addition to high-fre-
guency ion-acoustic oscillations at frequencies of w <
Q; (where Q; is the ion plasma frequency), low-fre-
guency ion-acoustic oscillations at frequencies of w <
102°Q, [1-5] can spontaneously be excited in the
plasma of an ion laser. The threshold current for the
onset of instability depends on d, the gas pressure, and
the distribution of atoms along the discharge. The
increase in the current above the threshold value can
result in the destruction of the discharge tube wall,
which limits the output power and the laser service
life[1].

The low-frequency spectrum of ion-acoustic insta-
bility in an argon laser plasma consists of individual
peaks within the range 0.1 < v < 2 MHz (wherev =
w/21). Near the threshold, there are no more than two
peaks. The number of peaks increases with increasing
discharge current. These low-frequency peaks are the
lower modes of long-wavelength ion-acoustic oscilla-
tions of the plasmabounded by thetubewall [6, 7]. The
experimentally determined dispersion relation of the
lower (with the lowest frequency) mode [8] is in good
agreement with the theory of ion-acoustic oscillations
in low-pressure cylindrical discharges [9, 10]. To our
knowledge, the spatial inhomogeneity of the oscillation
intensity of the two lowest modes was experimentally

studied only in [7]. The qualitative radial dependence
of the oscillation intensity obtained in [7] was insuffi-
cient to provide an ideaabout the spatial structure of the
modes and the number of each mode. In the present
paper, the two-dimension spatial structure of the lowest
frequency mode is determined by the tomographic
method, and this mode is identified according to the
available theoretical models.

EXPERIMENTAL SETUP AND RESULTS

An argon plasma was produced in a steady-state
high-current discharge in a tube 1 m in length and
16 mm in diameter (Fig. 1). The tube consisted of
water-cooled aluminum sections with an oxide coating

dlol0jo E|

Fig. 1. Block diagram of the experimental setup for study-
ing the spatial structure of plasmaoscillations: (1) discharge
tube with cathode (C), anode (A), and windows (W);
(2) optical system with fiber (3); (4) photomultiplier;
(5) amplifier; (6) spectrum analyzer; (7) correlator; (8) ana-
log-to-digital converter; and (9) computer.

1063-7842/03/4802-0205%$24.00 © 2003 MAIK “Nauka/ Interperiodica’
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and had a cool arc cathode with self-heated refractory
bushing [1]. Four tube sections had openings made in
the form of 4 x 16-mm slots located perpendicularly to
the discharge axis (z axis) in order to output radiation
from the discharge through quartz windows. Each sec-
tion had three windows permitting observations at
angles ¢ of 0°, 55°, and 90° in the cross section perpen-
dicular to the z axis. The sections with windows were
located in the cathode region of the tube, where the
oscillations under study were most intense (the corre-
sponding intensity profile is given in [8]). At argon
pressures of 0.2-0.4 torr (the discharge pressure was
much lower, especialy in the cathode region), the
threshold current was in the range 300400 A. The
measurements were carried out under conditions close
to theinstability threshold. Thelowest oscillation mode
had a frequency of v, = 190 kHz.

To investigate the spatial structure of the oscilla-
tions, we used the method of plasma emission tomog-
raphy [11]. The intensity of the plasma emission was
determined mainly by blue-green linesof singly excited
argon ions with the density n’. At currents dightly
exceeding the threshold current, the density of ions in
the ground state is n(t) = n, + dn,(t), where n, is the
time-independent component and &n;(t) is a small
(=3% of n;) oscillating component. Under the experi-

mental conditions, the density n* is close to saturation
with respect to the electron density; i.e., n (t) ~ ni(t),

sion.

Fig. 3. Optica scheme for recording plasma emission:
(1) discharge cross section, (2) cylindrical volume element,
(3) lens, (4) light filter, (5) apertures, and (6) receiving fiber
platform.

DONIN et al.

at least for frequencies of v < [3;, where [3; istheioniza-
tionrate [1].

The tomographic method consists in measuring the
plasma emission at different angles in the cross sections
perpendicular to the z axis. A scheme of the measure-
ments is shown in Fig. 2, where x and y are the coordi-
nates of pointsin the cross section under study. At each
instant, the intensity of the plasma radiation emitted in
the observation direction L is proportional to the integral
of the density of the excited ions along the line of sight

Ini* (x,y, t)dl,

where dl isthe length increment along L.

In the experiment, the integral emission was
recorded as one-dimensional projections (&, p) in the
system of parallel rays specified by the angle & and the
distance p from the z axis. Assuming that the plasmais
optically thin, the projections are described by the clas-
sical Radon integral transform R [11]

f(& p.t) = R{NF(xy, 1)} . )

From the projections experimentally measured at an
arbitrary instant for the set of angles ¢ O [0, ] and the
set of coordinates p O [—d/2, d/2], one can obtain an
estimate for the solution to integral equation (1) in the
form

n(x y, t) OR{ F(E, p, 1)}, )

where R is the approximation of the inverse Radon
transform.

We apply the Fourier transform in timeto both sides
of formula (2):

A(x y,v) ORT{F(E, p, v} - (3)
Here and below, atilde stands for the Fourier transform
in time. The possibility of obtaining Fourier transform
(3) of inverse-problem solution (2) was justified by
numerical simulations. The frequency dependence of
the function n, (x, y, v) at each point of the region under

study represents the spectrum of the plasmaion oscilla-
tions. At a fixed mode frequency, this function repre-
sentsits spatial distribution.

The projections and their Fourier spectrawere mea-
sured in the experimental setup shown in Fig. 1. The
plasma radiation emitted through a window was con-
verted into an electrical signal with the help of an opti-
cal system consisting of a focusing lens, a blue-green
light filter, two apertures, an optical fiber (Fig. 3), and a
photomultiplier. Two identical systemswere usedinthe
measurements. Each system measured the plasma
emission from a narrow cylindrical volume perpendic-
ular to the discharge axis. The aperture diameters and
the distances between the elements of the optical sys-
tem were chosen according to the calculations of [12].
The spatial resolution of the optical system was
0.25 mm. Each system was situated on an individual

TECHNICAL PHYSICS Vol. 48

No. 2 2003



SPATIAL STRUCTURE OF THE LOWER MODE

A, arb. units

(a)

207

A, arb. units
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p, cm

Fig. 4. (a) Time-independent and (b) oscillating components of integral plasma emission as functions of p.

bench, which could be smoothly displaced along the p
coordinate perpendicular to the z axis with the help of
an electric motor. One of these systems all owed consec-
utive measurements from two windows of the same
section.

Since the available multichannel analog-to-digital
converter (ADC) had a relatively low operation speed
(=30 ps), we used an SK4-59 analog spectrum ana
lyzer; the voltage from the photomultiplier was fed at
the input of the analyzer through an amplifier. The ana-
lyzer measured the amplitude of the harmonic compo-
nent of the input signal at the frequency v,. The ana-
lyzer passband at this frequency was 10 kHz. The volt-
age reading from the analyzer output was proportional
to the measured amplitude and represented the power

spectrum of the signal U ~ |f (&, p, Vo)|- To determine
the correlation characteristics of the oscillations (see
[8]), the amplified signals from the photomultipliers
were input to a Kh6-4 correlator. To record the correla-
tion functions and the function U(p), we used the ADC
and a PC. Thetime-integrated signals from the amplifi-
ers were fed to the inputs of the ADC. Each signa
reflected the dependence of the constant component of
theintegral plasmaemission on p in one of the observa-
tion directions (Fig. 4a). Using these curves, we could
check the adjustment of the optical systems. Figure 4b
shows typical power spectra for the projections at the
frequency v,, measured simultaneoudly at two angles.
The projections have a minimum at the center of the
discharge between two equal maxima. Depending on
the observation angl e, the distance between the maxima
could change (even up to the coincidence of the peaks).
The measurements showed that, the displacement of
the optical system along the zaxis (withinthe 4-mm dlit
width) did not affect the shape of the projection. This
means that the spatial distribution of the oscillations
under study isalmost uniform along the discharge axis;

TECHNICAL PHYSICS Vol. 48

No. 2 2003

i.e, [k| > k,where k is the wave vector of the oscilla-
tionsand k, isitslongitudinal component.

The problem of reconstructing the spatial structure
of the oscillation mode under study was to find its two-
dimensional distribution by using the sets of the exper-
imental projections by the method of computational
tomography according to formula (3). In order to use
formula (3), the imaginary and the real parts of the

spectrum f (&, p, Vo) must be separately measured
experimentally (or calculated in one way or another).
However the analyzer measured only the power spec-
trum of the projections. In the general case, the distri-
bution reconstructed from the envelope of the projec-
tion spectrum may differ from the spatial structure of
the function for which the projections were calcul ated.
However, for anumber of objects (including, as numer-
ical simulations have shown, our case too) describing
stationary harmonic oscillations, this method allows
one to determine their characteristic spatial structure
without substantially distorting it.

The tomograms were reconstructed using the
method of maximum entropy [13], whichisefficient for
problems involving parallel measurements of the pro-
jections with a very small number of observation
angles. In the calculations, we used the MENT algo-
rithm included in the TOPAS-MICRO program pack-
age for the computational tomography of a plasmaand
gas [11]. The reconstructed tomograms (Fig. 5a) had
two principal maxima that were symmetrical about the
discharge center. The cross correlation functions of the
oscillations measured from the different discharge
regions showed the existence of a phase shift of mtrad
between the principal maxima. The artifacts in the
tomograms (such as polygonal deformations) appeared
as a result of a small number of observation angles.
A comparison of the tomograms for the neighboring
sections showed that the characteristic structures of the
image turned by a small angle about the z axis. There-
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Fig. 5. (a) Reconstructed tomogram and (b) the structure (envelope) of the (1, 1) mode [7].

fore, the three-dimensiona structure of the mode under
study could qualitatively be represented as adoubl e spi-
ral with a turn period (according to our estimates) of
50-100 cm. The reasons why the mode structure turns
dlightly as z changes were not examined.

DISCUSSION OF THE RESULTS
AND CONCLUSIONS

As was stated above, the spatial inhomogeneity of
the intensity distribution of ion-acoustic oscillationsin
the high-current discharge of an ion laser was revealed
experimentally in [7] from the qualitative difference of
the radial distributions of the two lowest oscillation
modes. In contrast to the experimental scheme used in
that paper, our scheme allowed us to investigate the
spatia structure of the oscillations by the tomographic
method with a much better spatial resolution. The two-
dimensional structure of the lowest mode was deter-
mined from the measurements of the power spectra of
the integral projections and their processing by the
method of computational tomography. The correlation
measurements revealed the spatial phase inhomogene-
ity of this mode.

Hydrodynamic considerations of the mode structure
of ion-acoustic oscillations in a discharge are given in
[7,9, 10]. However, in contrast to [9, 10], the model of
[7] explains the existence of the lowest boundary fre-
guency and demonstrates a good agreement between
the calculated and measured frequency of the lowest
mode. According to [7], the oscillation modes in the
polar coordinates (r, ¢) have a structure of the form

50,(r, 8) 03, mgHc0s(mb),

where j., is the nth zero of the mth order Bessel func-
tion J,,

Hence, each mode is characterized by a pair of inte-
gers (m, n). The shape of the reconstructed two-dimen-

sional distribution of the lowest mode with two charac-
teristic maxima (Fig. 5a) and the existence of a phase
shift of 1t rad between them agree well only with the
theoretical structure of them= 1, n=1 mode (shownin
Fig. 5b). This allows us to identify the lowest mode as
the (1, 1) mode, which does not contradict the results of
[8-10]. Therefore, using the emission tomography
method adapted to studying the spatial characteristics of
plasma oscillations, the two-dimensional spatial struc-
ture of the lowest mode of theion-acoustic plasmainsta-
bility of a high-current argon laser was determined for
the first time and the mode under study was identified.
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Abstract—The frequency dependence of the magnetic response of Y Ba,CuzO5 _, high-temperature supercon-
ducting ceramics is studied. The experimental results are obtained for different values of the constant ((0-99) x
107 T) and variable ((0.18-7.24) x 10~ T) components of the external magnetic field in the frequency range
from 60 Hz to 1 MHz. A simple qualitative model of the distributed Josephson medium is offered to account
for the results obtained. © 2003 MAIK “ Nauka/lnterperiodica” .

INTRODUCTION

It is known that if an electromagnetic wave is inci-
dent onto a conductor surface, the field penetrates to a
skin-layer depth. The skin effect isinherent not only to
metals but to superconductors as well. For example,
papers [1, 2] consider normal and anomalous skin
effects in superconductors in the framework of a two-
fluid model.

The pattern of magnetic field penetration in a gran-
ulated superconductor is quite complicated (see, for
example, [3]) and, apparently, not fully understood
[4,5].

Penetration of the aternative magnetic field in a
cylindrical granulated superconductor was studied in
[4] using a Hall effect device. This paper reported that
the magnetic flux gradient in sampleswere independent
of frequency over al the range of frequencies used
from 5 to 500 Hz.

Paper [5] investigated the frequency dependence of
the real component of surface impedance in the super-
conductor samples using special precision measuring
equipment. The sample composition was similar to that
used in [4]. There, the rea component of surface
impedance is aso independent of frequency in the
range from 10 Hz to 1 kHz for a variable component
amplitude from 10°t0 103 T.

EXPERIMENTAL TECHNIQUE

Samples of YBa,Cu;0;_, high-temperature super-
conducting (HTSC) ceramics manufactured by the
method of solid phase synthesiswere studied. The sam-
pleswere of cylindrical shape with a diameter of 9 mm
and a height of 15 mm. The experimental setup is
sketched in Fig. 1.

The setup consists of a G (G3-117) sinusoidal volt-
age generator, acurrent source C (aU7-5 output ampli-
fier loaded with a constant resistance R connected in
seriesto asensor) governed by agenerator, asignal sen-
sor D, and a selective nanovoltmeter V (type 233). The
sensor consists of current and signal coils wound
around a cylindrical sample of HTSC ceramics one
over another. Coils 15 mm in length are wound with a
PEL ShO-0.05 copper wire and consisted of 95 turns
each. The current coil is wound over a signal one.
Resistance R is connected in series to the current coil
(R> 2rtL, in the range of frequency f from zeroto f =

2 x 10° Hz, where L, isthe current coil inductance).

The external magnetic field is directed along the
sample axis. The constant component of the magnetic
field Hy is determined by an external coil (not shownin
Fig. 1) in which the sensor is inserted and the variable
component hycos(wt + ) is produced by the signal
coil.

Fig. 1. Schematic view of the experimental setup and refer-
ence graphics. Ayeqr and Aeqs € the calculated and mea-
sured depth of field penetration into a copper sample.

1063-7842/03/4802-0209%$24.00 © 2003 MAIK “Nauka/Interperiodica’
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This setup was used to investigate the frequency
dependence of the first harmonic of the HTSC sample's
response to the external magnetic field H = Hy +
hycos(wt) in the frequency range from 60 Hz to 1 MHz
for different values of the constant (H, = (0-99) x 104 T)
and variable (hy = (0.18-7.24) x 10 T) components.

The setup allows one to estimate the penetration
depth of the magnetic field into a sample using the

@, 1071 Wb
1000 -
T 724
500t
T 541
200+
e e~ 3,58
100}
O 1.83
20+
0.74 o
10 0.55 —~———
5_
2_
1 1 1 1 1 ]
60102 103 10* 103 106
f.Hz

Fig. 2. Frequency dependence of magnetic flux amplitude @
penetrating into the sample for different values of hy at
Ho = 0. Figures by curves are values of hy, 1074 T.

@, 1078 Wb
3_
2_
1_
1 1 1 ]
0 5 10 15 20

hy, 1074 T

Fig. 3. Dependence of @ on the variable magnetic field
amplitude at Hy= 0 and f = 2 kHz.
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formula
U /Ug = [Tr° = T(r — A )] /700
= [2r A e = Noeed 177

where U, represents the selective voltmeter readingsin
the presence of a sample; Uy, those in the absence of a
sample; and r, the sample radius.

Calibration tests were carried out for a sample of
annealed copper. The frequency dependence of thefield
penetration depth A into a copper sample is shown in
Fig. 1: Apeor IS calculated with reference data [6] and
[7], and A e IS Measured using the setup and then cal-
culated by the formula given above.

Estimation of arandom measuring error leadsto the
conclusion that the penetration depth of the magnetic
fieldismeasured by the above-described method within
an accuracy of 0.03 mm, which corresponds to a rela-
tive error of about 3%. In this case, the rel ative measur-
ing error of the magnetic flux is equal to

AP _ 2mB(r —A)AN _ 2r —2AAA

P mB2rA-AY)  2r=A A

From this it follows that this value need not be higher
than that of the penetration depth of the magnetic field
into the sample.

In summary, the above technique for measuring the
magnetic flux penetrating into the sample provides a
relative measuring error of 3%.

EXPERIMENTAL RESULTS

The amplitude of the magnetic field @ penetrating
into the sample can be derived from the selective volt-

meter readings UT as® = U7 /2rf N.

Figure 2 shows the frequency dependence of @ in
different frequency ranges at H, = O for various h,. In
the frequency range from 120 kHz to 1 MHz, the fol-
lowing devices were used: a G4-164 generator, a U7-5
power amplifier, and aV 6-10 selective microvoltmeter.

Figure 3 shows the dependence of ® asafunction of
the variable magnetic field amplitude h, for H, = 0 and
f=2kHz.

Figure 4 shows the frequency dependence of @ at
the fixed amplitude of the variable field hy = 1.83 x
10T inthe constant magnetic field Hy = 0.2 x 10 and
33x 10*T.

DISCUSSION

In [4], the fact that the magnetic flux gradient in the
samples is independent of frequency in the range from
5 to 500 Hz is explained by the absence of viscous
forces. According to estimatesin [8], the effects of the
viscous flow of the vortex structure in HTSC ceramics

TECHNICAL PHYSICS Vol. 48
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become important for frequencies of w, > 10° rad/s.
The experiments in [4] used frequencies that were
many orders of magnitude lower; hence, the viscous
forces are reasonably neglected in [4].

In [5], the results obtained are accounted for in the
framework of a pinning model and a viscous flow of
hypervortices, but, unfortunately, these results have not
been confirmed by any estimate.

In this paper, to account for the results obtained and
to estimate the magnetic parameters of high-tempera-
ture superconductors, an effort is made to draw an anal-
ogy between a granulated superconductor and the well-
known [9] distributed Josephson junction. Such a
model has no pretensions to completeness or mathe-
matical rigorousness, but alows us to qualitatively
explain the magnetic processesin HTSC ceramics.

Consider the magnetic field penetration into acylin-
drical superconductor of HTSC ceramics. We will con-
sider the ceramics as a set of weakly bound supercon-
ducting granules. Granule material is generally recog-
nized to have properties of the type Il superconductor
with magnetic field penetrating in the form of Abriko-
sov vortices. A mean granule size L* is of the same
order of magnitude as typical crystallite dimensions of
about 10 um [4]. Hence, the condition L* > A is met,
where A isthe London penetration depth for the gran-

ules; itsvalueis about 10°cm [4] at T =77 K. Let us
assume that a number of voids and regions with small
crystallites L* < A, between large granules can be
neglected and extensive (not point) weak bonds
(Josephson contacts) prevail. Such a structure is sche-
matically shown in Fig. 5. The first critical field of a

granule HY, isabout (50-100) x 104 T at 77 K [10].

Thus, the magnetic field lower than HY, penetrates

from the surface of a cylinder to its center along the
Josephson junctions. Some of these junctions are
showninFig. 5 by bold solid lines. In this case, one can
obviously assume that the experimentally observed
effects are related to the magnetic field penetration into
the Josephson junction. Let us consider the distributed
Josephson junction —L/2 < z< L/2 placed in the external
magnetic field (Fig. 6). The uniform magnetic field is
assumed to be directed along axis Y. As has aready
been mentioned, the thickness of superconducting elec-
trodes is much greater than the London penetration
depth.

Electrodynamics of the extensive Josephson junc-
tion can be described by the partial differential equation
of a sin-Gordon type [9, 11]. Disregarding dissipation
in our one-dimensional case, this equation hastheform

0o 19°0 _ 1 _
0= e = 5290, @
(07 vgot A2

where ¢ is the phase difference of the order parameter
at the Josephson junction; v, the wave phase velocity
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Fig. 4. Frequency dependence of & for different values of
the constant magnetic field Ho [(1) 33 10*and (2) =0.2 x
1074 7T].

Fig. 5. HTSC ceramics structure in the external magnetic
field (draft). Solid lines are extensive weak bonds between
granules.

(Swihart velocity); and A;, the Josephson penetration
depth.

The experimentally observed values are related to
the phase differences ¢(z, t) by the relations[9]

_ %o do(2) - g
H(2) = 5=, 3@ = Jsin(@). ()
Here, H(2) is the magnetic intensity in the Josephson
junction at a point z in the direction of the Y axis; d =
2\, + s, sisthe dielectric thickness (oxide layer); A is
the London penetration depth; and J(2) is the supercon-
ducting current density in the direction of the X axis.

Let the external magnetic field H,, change by the
law H,, = hycoswit (here, the H,, and j directions, shown
inFig. 6, can bereversed). L et us determine astationary
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Fig. 6. The distributed Josephson junction in the external
magnetic field Hgy.

Fig. 7. Frequency dependence of the amplitude of the mag-
netic flux captured by the distributed Josephson junction,

where A= ®(w = 0) = 2d\;Hg, sinh( L/2A;)/ cosh( L/2))).

distribution of the magnetic field amplitude H(2) in the
junction.

For weak magnetic fields, i.e., for hy < ®y/(2rTAd)
[1], the currents flowing through the junction are small
(J(2 < J)) and the phase difference ¢ is small. Hence,
Eq. (1) can be expressed as

Oo? 100 _ ¢
G- =L 3
07 v aﬁ A2 ©

We will express the stationary oscillation regime in
the junction in the form

¢(z 1) = ¢(2)cos(wt + y). (4)

BELODEDOV, CHERNYKH

Substituting Eqg. (4) into Eq. (3) and differentiating,
we find

dzz wl

%4) (2). )

Let us look for solutions of Eg. (5) with boundary
conditions

- -
J

o dp(2)
21d dz

z=-L/2

Inthecase w?/ v, < /AT inview of Egs. (2) and (6),
the distribution of the magnetic field amplitude in the
junctionisequal to

cosh(§z) H,,

H() = L) 0

_ 2 2
where§2=1/\] —w? vy,.

Hence, the amplitude of the total magnetic flux in
thejunction is

L/2
_ _ 2dsinh(EL/2)
®=d £2H(z)dz = T amar e ©®

In the case w?/ v > UA],
magnetic field amplitude equals

the distribution of the

cos(k, 2)

H(z) = MH@U 9

where k) =w?/ v —1/A] and the magnetic flux ampli-
tudeisequal to

L/2
_ _ 2dsin(k,L/2)
® = dI H(z)dz = K cos(kvL/Z)Hex' (10)
—L/2

The dependence ®(w) isshowninFig. 7. Let usesti-
mate the threshold value of w providing Eg. (5) with a
solution in the form of standing waves. Equating
(k,)? = 0 and substituting in this relationship the values
V= 0.05c and A; ~ 100 um [9], where c is the vel ocity

of light in free space, wefind f = 2.4 x 10'° Hz such that
it coincides with the values of the typical plasma fre-
quency givenin[9].

Asiseasily seen from Fig. 2, the dependence of the
amplitude of magnetic flux captured by the sampleasa
function of the exciting field frequency is absent for a
field amplitude lower than 2 x 10* T. This alows usto
assert that the value H,; of HTSC ceramics cannot be
higher than 2 x 10 T.
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ON MAGNETIC FIELD PENETRATION

Use of a constitutive equation of the granulated
superconductor offers a more correct description of its
electrodynamics. Such an equation was offered in [12]:

o A o«
] = —kAexp3d—1—-aA -DbA,
0 A0

(11)

wherej isthe current density in a superconductor; A is
the vector potentia of the magnetic field H = curl A;
and the positive constantsk, A, @, and b are determined
by the parameters of the granulated superconducting
medium.

In weak magnetic fields |A| < Ay, EQ. (11) is given
by

j = —kA —aA —DbA.

Taking into account the Maxwell equation curlH =
curlcurl A = (417c)j, we reduce the given problem of
magnetic field penetration into a granulated supercon-
ducting medium to the differential equation

0°A

= = k*A+a*A+b*A,
0z

Disregarding the dissipative term a* A, this equa
tion is equivalent to Eq. (3) describing magnetic field
penetration into the distributed Josephson junction.

The magnetic field penetrates into the granulated
superconducting medium into both granules compris-
ing the medium and intergranule spaces [3], which are
the distributed Josephson junctions. The field pene-
tratesinto intergranul e spaces according tothelaw H, =
He€Xp(=X/A)) [1] in the case of a weak externd field
He <€ Hy. Here, H, isthevalue of an external field H,,
during the existence of which avortex at the junctionis
justified energetically. The magnetic field distribution
in granules is described by the expression H, =
HeeXp(—x/A,) for aweak external magnetic field Hy, <

HY,. The magnetic field induction in a granulated

medium (i.e., the field H averaged over volume involv-
ing alarge number of granules) is determined as

B = GH1+BH2
= Hg(aexp(=x/A;) + Bexp(=x/A.)),

where a and 3 are the contributions in the total volume
from intergranul e spaces and granules, respectively.

Since a < {3, the magnetic field induction should
have the distribution shown in Fig. 8. As is seen, the
magnetic field jumps at the boundary of a granulated
superconducting medium. This magnetic field jump
was experimentally observed, for example, in [4]. Itis
of interest that in [4] the magnetic field was measured
by aHall effect device with working-area sizes of 50 x
50 um and a thickness of 180 um, which ismuch larger
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Fig. 8. Magnetic field penetration into the granul ated super-
conducting medium.

than the granule size (~10 um [4]). These experimental
results can be considered as an additional indirect cor-
roboration of the model we offer.

CONCLUSION

The considered analogy between a Josephson
medium and distributed Josephson junction allows us
to explain a number of properties of granulated super-
conductors, the most important of which is the fre-
guency independence of magnetic response of the
HTSC sample found earlier. The obtained estimate of
an upper boundary frequency of electromagnetic field
penetration into an HTSC (about 10 GHz) should be
taken into account in designing, for example, a com-
pensation HTSC magnetometer [13], in which an
increase in the operating frequency should increase its
sensitivity.
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Abstract—The structure evolution in WC-80G4 steel composite heavily loaded by compression is studied.
Thefractal properties of the deformation relief appearing on the surface are determined. The fractal dimension
of the deformed surface profileis shown to depend on the mean spacing between bands of |ocalized deformation
and on the parameters of the material fine crystal structure. © 2003 MAIK “ Nauka/Interperiodica” .

INTRODUCTION

Deformation usually causes a surface relief to
appear in both ductile and brittle metalsand alloys such
as hard aloys. However, relationships between the
relief and structural properties of brittle materials are
little understood. A promising approach to studying the
relief on the surface of the deformed materia isto ana-
lyze the profile of the signal of secondary electrons
escaping the surface under investigation in a scanning
electron microscope [1-4], since the number of second-
ary electrons is uniquely related to the surface relief.
Moreover, the deformation relief on the material sur-
faceisthe result of structural changes occurring at var-
ious scale levels. In particular, when studying WC—
80G4 steel composite, we showed [4] that the fractal
dimension (Df) measured at various scale levels lin-
early depends on the microstructure parameters of a
binder, namely, coherently diffracting domains (CDDs)
and microstrained lattice regions. However, therelation
between the parameters of the fine crystal structure of
phases making up the composite and the fractal charac-
teristics of its surface has not been studied.

The purpose of thiswork is to determine the fractal
dimension of the surface and trace its evolution upon
loading, as well as to establish a relation between the
fractal dimension and micro- and macroparameters of
the structure of the composite.

EXPERIMENTAL

We studied WC-80G4 steel composite material
with an 80% strengthening phase. The production of
the hard alloy was described elsewhere [5]. The mean
size of a carbide grain in the composite was 2.4 *
0.2 um, the mean size of intercarbide layerswas 1.2 £
0.2 um, and the general porosity was smaller than

0.5%. Test specimens measured 0.004 x 0.005 x 0.007 m
and had a polished side face. An INSTRON-1185
machine was used to load specimens in 100-M Pa steps
up to fracture. After each loading step, the sample was
unloaded and its structure and surface relief were stud-
ied at various scale levels. Metallographic examination
was performed with a NEOPHOT-21 optical micro-
scope using direct and oblique illumination. The mean
spacing between bands of localized deformation was
determined by the linear intercept method [6]. X-ray
diffraction analysiswas carried out withaDRON-UM 1
X-ray diffractometer using filtered CuK, radiation. The
size of CDDs was calculated using the (111) reflection
from the y phase and (100) reflection from WC,; the lat-
tice microstrains, with the (222) reflection from the y
phase and (300) from WC. We chose these reflections,
assuming that the major contribution to the broadening
of lower index diffraction lines is from CDDs and of
higher index lines, from lattice microstrains [7]. The
surface relief was analyzed by the determination of the
fractal dimension (Df) using a REM-200 scanning €l ec-
tron microscope at an accelerating voltage of 30 kV by
the technique described in [2].

RESULTS AND DISCUSSION

The metallographic examination of the evolution of
the WC-80G4 steel composite surface upon compres-
sion loading showed no visible changes at stresses of 0—
600 MPa. At stresses from 700 to 1700 MPa, two pro-
cesses proceed simultaneoudly: the deformation of
large binder regions, showing up as the relief between
carbide grains, and the appearance of dlip bands in a
number of coarse carbide grains. At thisloading stage,
carbide grains and the binding phase are deformed
simultaneously without breaking the continuity of the
material. At stresses of 1700-2200 M Pa, the number of

1063-7842/03/4802-0215%$24.00 © 2003 MAIK “Nauka/ Interperiodica’
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Fig. 1. Micrographs of (a) bands of localized deformation on the surface of the hard alloy and (b) macrocracks originating at the

sites of band intersection.

plastically deformed grains on the composite surface
increases and finer grains are involved in the plastic
flow. The binder in narrow intercarbide spacings under-
goes severe deformation. Along with the deformation
of the structure constituents, individual cracks of size
comparable to the carbide grain size appear. These are
placed predominantly along the carbide—binder inter-
face and randomly distributed over the composite sur-
face. An increase in the stress to 3000 MPa leads to an
increasein the density of cracks and the amount of car-
bide grains deformed.

At 3000—3900 MPa, bands of local plastic deforma-
tion appear on the composite surface (Fig. 1a). These
bands are regions with alarge number of deformed car-
bide grains (with dlip traces) and the severely deformed
binding phase. Moreover, cracks running along the car-
bide—carbide and carbide-binder interfaces are found
to coalesce in bands of localized deformation. Under
severe deformation, individual carbide grains, asarule
coarse ones, break up into fragments. The bands are ori-
ented in two directions and extend in the direction of
maximum shear stresses at an angle of about 45° to the
loading axis, irrespective of the structure of the mate-
rial. Their length varies in a wide range from 20 um to
4 mm, and their widthis5-10 pm, i.e., twoto four times
aslarge as the carbide grain size.

First, the bands of local deformation spaced at 300—
700 um appear. Their length is comparabl e to the spec-
imen dimensions, and their width increaseswith plastic
strain. Shorter bands of localized deformation form
between these large bands. Their intersection leads to
the fragmentation of the entire specimen surface.
Before the composite fails, the stresses accumulate
basically in several adjacent bands whose length is

comparable to the specimen dimensions. As they inter-
sect, macrocracks 40-150 um in size that are oriented
aong the bands of localized deformation form
(Fig. 1b). These macrocracks are the precursors of hard
aloy fracture.

Figure 2 (curve 1) shows the variation of the mean
interband spacing with residua strain. The metallo-
graphic examination of the surface demonstrates that
the intense formation of bands of localized deforma
tion, which shrinks the interband spacing, takes place
up to aresidual strain of 3.5%. At final stages of load-
ing, the deformation of the structure constituents, pre-
fracture processes in the form of crack initiation and
coalescence along the interfaces, and carbide fragmen-
tation occur in several adjacent bands that have the
most pronounced surface relief. This means that new
bands do not arise and that a catastrophic crack, which
causes composite fracture, extends via the coalescence
of several macrocracks in adjacent bands of localized
deformation.

The stress—strain curve for the aloy obtained by
measuring the residual strain after unloading the speci-
men is typical. The strain increases linearly up to o =
2500 MPa. From 2500 MPa to fracture, the strain is a
parabolic function of the stress. Plotted in the logarith-
mic coordinates, the 0— curve exhibitsthreelinear seg-
ments. They correspond to three stages of the strain
hardening of the composite material, which reflect rad-
ical modifications of the composite structure and, pos-
sibly, changes in deformation mechanisms. In the first
segment with a strain-hardening exponent n = 0.54, the
matrix and the carbide phase are deformed simulta-
neously without visible signs of fracture. The second
segment (n = 0.31) (macroyield) corresponds to the

TECHNICAL PHYSICS Vol. 48 No.2 2003
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Fig. 2. Mean spacing between the bands of localized defor-
mation as afunction of the (1) residual strain and (2) fractal
dimension.

intermediate region. In the third segment (n = 0.15),
processes |eading to the fracture of the alloy (theforma-
tion and development of bands of localized deforma-
tion and micro- and macrocracks) accompany the
deformation of the structure constituents.

Using the X-ray diffraction data, we measured the
sizes of CDDs and microstrains [82[¥? in the matrix and
carbide lattice. The initial y phase has a fine-grained
structure with a block size of =60 + 5 nm. The CDD
size remained unchanged up to stresses of 600 MPa. As
the applied stressgrows (o = 700-1700 M Pa), the CDD
size in the austenite rises from 60 to 67 nm. This
increase in the block size in the austenitic matrix at the
early stage of loading may be due to a decrease in the
density of dislocations because of their annihilation and
arrival at grain boundaries [8]. At stresses above
2000 M Pa, the CDD size decreases to 30 nm and [82[%2
increases.

The size of CDDsinthe tungsten carbideisinitially
400 + 50 nm. Up to stresses of =2500 MPa, the CDD
size and [E°Y? in the tungsten carbide remain
unchanged. At higher stresses, the size of CDDs
decreases to 100 nm.

It was found that, although the lattice microstrains
are different in the austenitic matrix and tungsten car-
bide, the generating microstressesare equal at al stages
of loading the composite materia (Fig. 3). This indi-
cates the absence of astressjump at the carbide-binder
interface and meansthat the binder and strengthener are
plastically deformed as a whole and interfacial cracks
are due to the limited plastic deformation of the tung-
sten carbide.
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Fig. 3. Microstressesin the binding phase and tungsten car-
bide vs. the applied stress.

Figure 4 illustrates the fractal dimension of the
deformed surface profile during the steplike loading of
the specimen as a function of the residua strain and
applied stress. As the strain increases, Df varies lin-
early. At the same time, the fractal dimension varies
nonmonotonically with stress: increasing and decreas-
ing segments alternate.

The three stress ranges in the o—€ curve, which
reflect radical changes in the composite structure dur-
ing deformation were compared with the fractal dimen-
sions. These ranges are separated by vertical lines in
Fig. 4. In the first range, the fractal dimension first
increases and then returnstoitsinitial value. The slight
difference in Df here may be associated with the
appearance of deformed regions in the binder and dip
bands in coarse carbide grains, as well as with an
increase in the CDD size in the austenitic matrix. The
increase in the fractal dimension in the second range
can be caused by several factors. At this stage, carbide
grains and the binding phase undergo severe deforma-
tion and finer carbide grains areinvolved in the process
of plastic flow. The number of cracks at the carbide-
binder interface increases. The examination of the com-
posite fine structure showed that the block size in the
matrix and carbide phase decrease slightly at this stage.
In the third range, the fractal dimension first remains
unchanged and then, above 3500 MPa, abruptly
increases. Structure modifications that occur at final
deformation stagesimply that plastic deformation com-
petes with composite fracture. On the one hand, many
micro- and macrocracks appear, carbide grains become
fragmented, and strains localize in several adjacent
bands. On the other hand, the sizes of CDDs sharply
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Fig. 4. Variation of the fractal dimension of the surface of
the WC-80G4 sted hard alloy with stress and residual
strain.

decrease and the lattice microstrains in the matrix and
carbide phase sharply increase, indicating severe plas-
tic deformation in the structural constituents of the
aloy.

Figure 2 (curve 2) shows the variation of the fractal
dimension with the mean spacing between the bands of
localized deformation. A decrease in the mean spacing
is seen to significantly increase the fractal dimension.
The value of Df is small where the interband spacing is
maximum; that is, the stronger the surface fragmenta-
tion, the higher the fractal dimension.

Figure 5 illustrates the dependence of the fractal
dimension on the parameters of the fine structures of
the binder and carbide phase. The fractal dimension
grows with decreasing CDD size in the austenitic
matrix and carbide phase. At the sametime, an increase
in the lattice microstrains in both phases al so raises Df;
in other words, changesin the fractal dimension reflect
those in the microstructure parameters.

CONCLUSIONS

(D) A change in the fractal dimension is caused by
structural features appearing on the deformed surface,
such as dlip bands in carbide grains, the relief on the
binder, micro- and macrocracks, and bands of localized
deformation.

(2) Thefractal dimension increaseslinearly with the
residual strain, whereas its stress dependence is non-
monotonic. Three ranges of Df variation, which charac-
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Fig. 5. Relief parameters vs. parameters of the hard alloy
fine structure.

terize the sequentia stages of composite deformation,
are reveded.

(3) The deformation relief on the alloy surface is
associated with microstructural changesin the material.
The fractal dimension grows as the size of coherently
diffracting domains in the austenitic matrix and tung-
sten carbide decreases and lattice microstrains in them
increase.
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Abstract—The effect of hydrogen on the photovoltage and |-V characteristics of palladium/anodic oxide/gal-
lium arsenide Schottky diodesis studied. The oxidethicknessthat is optimal in terms of the hydrogen sensitivity
of the diodes and the depth of atomic hydrogen penetration into the oxide are determined. The mechanism
behind the hydrogen effect consistsin the chemical adsorption of atomic hydrogen on the gallium arsenide sur-
face, which decreases the barrier height and increases the recombination component of the current. 1t is shown
that a thin tunnel-transparent anodic oxide film is nonuniform in thickness and that hydrogen exposure raises
the probability of tunneling through the oxide. It is found that the method of hydrogen detection from the pho-
tovoltage response offers a higher sensitivity and detectivity but has a lower speed than the reverse current

method. © 2003 MAIK “ Nauka/Interperiodica” .

INTRODUCTION

Schottky diodes (SDs) with a thin tunnel-transpar-
ent insulating layer between a catalytic rectifying con-
tact (Pd) and semiconductor are promising for high-
speed low-power hydrogen sensors [1]. The effect of
hydrogen on the properties of Si diodeswith aspecially
grown or native tunnel-transparent oxide layer is rather
well understood [2-6]. GaAs diodes have been less
investigated [7-9]. Most of the studies concerned
diodes with a native or thermally grown oxide layer of
fixed thickness. In this paper, we investigate the effect
of hydrogen on the photovoltage and |-V characteris-
tics of GaAs diodes with an anodic oxide (AO) layer of
various thickness.

EXPERIMENTAL

The diodes were made of n-GaAs epitaxial layers
with an electron density ny = 3 x 10 cm grown by
atmospheric-pressure metal-organic vapor-phase epit-
axy (MOV PE) on GaAs(100) substrates misoriented by
3°. The electron density in the substrate was n, =
106 cmr3. AO films were grown by anodization in an
electrolyte consisting of a 3% aqueous solution of tar-
taric acid and ethylene glycol (1 : 2). The thickness of
the AO films, d,o, Was varied from 0 to 20 nm. A semi-
transparent Pd electrode of area =<8 x 10 cm and
thickness =10 nm (a transmission of about 80%) was
deposited on the unheated oxidized surface of the epi-
taxial film by vacuum evaporation. The thickness of the
AO and Pd films was conventionally determined from
the anodization constant and by microweighing,
respectively, as well as by a Topometrix® atomic force
microscope (AFM) with an accuracy of 0.3nmusing an

etched step. The microscope was aso used to examine
the surface microrelief of the epitaxial and oxide layers
in the noncontact mode.

We also studied the open-circuit photovoltage upon
illuminating by undecomposed light from a tungsten
incandescent lamp, photovoltage spectra with photon
energies between 0.6 and 1.5 eV, and |-V characteris-
tics of the SDs at temperatures from 300 to 420K in air
and in an air—argon flow with ahydrogen concentration
Py = 0.04-0.22 vol % [8].

RESULTS AND DISCUSSION

Photovoltage. We found that at temperatures from
360 to 390 K, the hydrogen sensitivity and speed of the
diodes were the highest and the change in their proper-
tieswasreversible.

In an hydrogen-containing atmosphere, the photo-
voltage V,;, dways decreased, in agreement with pub-
lished data, because of the hydrogen-related decreasein
the GaAs surface barrier [8, 9].

Figure 1 (curves 1, 2) shows the dependences of the
photovoltage V,, and its variation AV, due to the
hydrogen effect on the oxide layer thickness. It is obvi-
ous that both V, and AV, grow as the AO thickness
increases to 3.0 nm. Then, V,;, saturates, whereas AV,
passes through a maximum (at 3.0-5.0 nm) and drops
to zero at dao = 16 Nm. Theincreasein Vy, (curve 1) is
explained by the formation of the negative chargeinthe
near-surface AO layer during GaAs anodic oxidation
[10]. The sensitivity to hydrogen shows up only after
the GaA s surface has been covered by athin oxide layer
(curve 2) and then increases with oxide thickness,

1063-7842/03/4802-0219%$24.00 © 2003 MAIK “Nauka/Interperiodica’
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Fig. 1. (1) Vg, (2) AVip, and (3) AV, vs. oxide layer thick-
ness. T =390 K, Py = 0.22%.

because the fraction of the hydrogen-insensitive GaAs—
Pd compound diminishes[11].

The decline of AV, as the oxide layer grows while
Vpn remains constant indicates that the amount of
atomic hydrogen reaching the Pd/GaAs interface
decreases. Thus, the value d,g = 16 nm, at which the
hydrogen sensitivity virtually disappears, characterizes
the depth of hydrogen penetration into the AO at the
temperature of measurement (390 K).

A shift AV, of the forward-bias branch of the |-V
characteristic at a fixed current can serve as another
measure of the SD sensitivity to hydrogen [4]. Curve 3
showsthat AV, declines at lesser oxide thicknesses than
AV, and even changes sign at dao = 7 nm, testifying
that the forward current decreases under the action of
hydrogen.

It was found that, for the light intensity used in the
measurements, the photovoltage varies in accordance
with the variation of the barrier in the semiconductor.
The fact that AV, responds to hydrogen more weakly
and drops with d,o more sharply than AV, is naturally
explained by the decrease in the current (and hence in
its hydrogen-sensitive component) when the oxide
resistance grows.

The results which follow refer to Schottky diodes
with dag = 3.4 nm, which have the maximal sensitivity
to hydrogen in terms of both photovoltage and current.

Since the variation of the Schottky contact work
function usualy changes the GaAs surface condition
only dlightly [12], the decrease in the Pd/GaAs barrier
on exposure to hydrogen can be related either to the
decrease in the proton concentration at the AO/GaAs
interface due to atomic hydrogen chemisorption or to
the decrease in the density of negatively charged sur-
face states (SSs) at this interface due to hydrogen pas-
sivation. In order to decide between these mechanisms,
it was necessary to find away of evaluating the density
of negatively charged surface states below the equilib-
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Fig. 2. Photosensitivity vs. photon energy. dag = 3.4 nm,
T=366 K. Py = (1) 0, (2) 0.021, (3) 0.084, (4) 0.17, and
(5) 0.42%.

rium Fermi level and to make sure that hydrogen hasan
effect on them. According to [13], surface states below
the equilibrium Fermi level show themselves as a char-
acteristic extended portion of extrinsic photosensitivity
S(Vpi/L), which increases exponentially with the pho-
ton energy hv and is observed in the galium ars-
enide/electrolyte system. We carried out similar mea-
surements with our diodes.

Figure 2 showstypical spectraS(hv) measured in air
and in air—argon flows with different hydrogen concen-
trations. The wide extrinsic photosensitivity band is
seen in the energy range of E. — (0.72-1.32 eV), where
the value of Sincreases almost exponentially with hv
due to the response from the surface states. The small
convexity of the exponential is associated with the
response of bulk defectsin GaAsthat are generated by
Pd—GaAs chemical interaction [14]. This convexity
was not observed in the spectra for diodes with an Au
electrode and for those with an el ectrolyte contact [13].

It is apparent that the hydrogen exposure reduces S
by nearly two orders of magnitude. At the same time,
the extrinsic (impurity) photoresponse from the surface
states decreases insignificantly with respect to the
intrinsic photoresponse from GaAs. Hence, the density
of surface states lying below the Fermi level, including
the density of acceptor surface states, does not respond
to hydrogen exposure: the barrier in the semiconductor
lowers as a result of hydrogen chemisorption at the
AO/GaAs interface with the formation of the proton
charge. Thisconclusion isin agreement with that drawn
in [9] for hydrogen-sensitive Schottky diodes with a
thermal oxide.

|-V characteristics and temperature depen-
dences of the current. Figure 3 showsthe |-V charac-
teristics of the diodes taken at =390 K in the air flow
(curves 1, 2) and in the air—argon flow with a different
H, content (curves 3-5). Evidently, the hydrogen expo-
sure increases the current density | (by one to two
orders of magnitude) and thus considerably modifies
No. 2
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the shape of the |-V characteristic. The forward-bias
portion of the 1-V curve deviates markedly from an
exponential even at low voltages, tending toward satu-
ration at high forward biases (V > 0 at Pd). The reverse-
bias portion almost saturates with an increase in nega

tiveV unlike the dependencej ~ JV, whichisobserved
intheair flow (cf. curves 1 and 4, 5).

Usuadly the anaysis of the |-V characteristic of
Schottky diodes with a thin tunnel-transparent oxide
layer includes the thermionic emission over the barrier
and tunnel emission through the oxide [9, 15]:

j = AT’T, (V)
099V +aQV+E—Fyr v 1)
&P KT D[eXp k7O 1]

where A is the Richardson—Schottky constant, T,(V) is
the tunneling probability, q is the electron charge, k is
the Boltzmann constant, ¢4(V) is the surface potential
of a semiconductor, and E—F is the gap between the
conduction band bottom E. and equilibrium Fermi level
F in the bulk of the semiconductor.

To elucidate the current transport mechanism and
the effect of hydrogen on the diodes, we took the tem-
perature dependences of the forward, j;, and reverse, j,,
current densities at various voltages and hydrogen con-
centrations (Fig. 4). They al obey the exponential law
in accordance with (1) and exhibit high activation ener-
gies, which vary with the sign and magnitude of the
bias and with the hydrogen concentration.

The activation energy E, of the reverse current was
independent of the bias voltage and was found to be
about 1.0 eV in the air flow. This value is close to the
Pd/GaAsbarrier height ¢, =qd.+ E.—F=1.1eV. The
value of ¢ was determined from the voltage depen-
dence of the barrier capacity.

Exposure to hydrogen with a concentration of
0.044% increases the reverse current by more than one
order of magnitude, leaving the value of E, = q¢,
unchanged. This result can be explained by proton
accumulation due to the chemisorption of atomic
hydrogen at the oxide—semiconductor interface, which
thins the tunneling barrier and thereby increases
the probability of tunneling through the insulating
layer [15].

A further increase in Py to 0.22% results in the
smooth decrease in E, to 0.65 eV (cf. curves 3, 4,
and 5). The maximal change in the activation energy
was found to be AE, = 0.35 eV, which is probably equal
to the changein the barrier height at the Pd/GaAsinter-
face after hydrogen exposure.

The activation energy E; of the forward current
decreases with increasing bias V and Py (Fig. 4,
curves 1, 2). The maximal decrease in AE; on exposure
to hydrogen with P, = 0.22% was =0.19 eV.
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The general feature of the temperature dependences
of j, and j; isthat the current variation at afixed temper-
atureis considerably lower than one might expect from
the variation of the energy of activation both on expo-
sure to hydrogen and with forward bias on the diode.
For instance, asfollowsfrom Fig. 4, hydrogen exposure
at T= 333K increases; by afactor of 4, whilefrom the
decreasein E; by 0.19 eV, one could expect an increase
in J; by afactor of 785. For j,, theincreaseis 13.6 times
versus the expected 2.2 x 10° times. Within the model
accepted, it is reasonable to explain this difference by
the influence of the tunnel-transparent insulating
spacer.

According to (1), the ratio of an experimentaly
observed current increase to the expected one for a
given decrease in the activation energy on exposure to
hydrogen at a fixed temperature and voltage is equal to
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Fig. 5. AFM images of the (a) epitaxial layer and (b) oxide layer of rated thickness 3.4 nm.

the probability of tunneling through the oxide. Then,
for areverse-biased diodeat 333K andV=-1V, T, =

6.2 x 107°, and calculations by the formula[15]
No = [IN(T,)]°/(100dy), 2)

where n, is the effective tunnel barrier height in elec-
tronvolts and d, is the barrier thickness in nanometers,
yieldng=0.08 eV if the effective mass of an electronis
taken to be equal to therest mass of an electronin avac-
uum and dy = dao.

The same value of n, is obtained for the forward-
biased diode. It differs dramatically from the AO/GaAs
barrier height calculated in [16]. Using (2), we have
dp=0.6nmat ny,=1.6eV. Itisknown that anodic oxide
films of small thickness have areas of still smaller
thickness, where pores are filled [17]. The effective
oxide thickness is actually smaller than the nominal
thickness d,o because of these thinnings, which may

introduce an error in the tunneling barrier height calcu-
lated by (2).

The thinningsin the oxide can be observed and mea-
sured with an atomic force microscope by comparing
the microreliefs of the initial and oxidized surfaces of
the GaAs epitaxial layer. The AFM images of these sur-
faces are presented in Fig. 5. On the initial surface
(Fig. 5a), growth steps with incipient hillocks along the
length are seen, whereas the surface covered by the
anodic oxide of rated thickness =3.4 nm (Fig. 5b)
exhibits the well-defined hillocks al ong the whol e step.
The growth of the hillocks is probably related to pre-
ferred oxide growth in the regions of highest electric
field (at the siteswhere the hillocks nucleate). Thus, the
surface roughness increases after the anodic oxidation
and the anodic oxide film turns out to be nonuniformin
thickness. The computer analysis of the microrelief
shows that the average surface roughness increases
from 0.25 nm (for the nonoxidized surface) to 0.55 nm
(for the oxidized surface). The maximal roughness

TECHNICAL PHYSICS Vol. 48 No.2 2003



EFFECT OF HYDROGEN ON THE PHOTOELECTRIC PROPERTIES

(from peak to valley) in the oxide is 2.6 nm. Therefore,
it can be concluded that the thickness difference (thin-
nings) in the oxide may reach the difference between
the rated thickness and maximal roughness height, i.e.,
0.8 nm. Thisvaueis somewhat higher than d, = 0.6 nm
calculated above.

The small (with allowance for film thickness non-
uniformity) quantitative discrepancy between the the-
ory and experiment can be explained by the neglect of
the recombination component of the current through
the diode, which is added to the thermionic overbarrier
emission current and is related, for example, to recom-
bination via surface states [15]. In this case, the
expected increase in the current is even higher than that
predicted by Schottky emission and the tunneling prob-
ability islower than that obtained above (6.2 x 107°).

The reverse-bias portion of the 1-V characteristic

wherej ~ ./VV at low V, which corresponds to the ther-
mal generation mechanism [12], and direct observation
of electroluminescence in the forward-bias diodes are
indicative of the need to consider the recombinational
current component. A decrease in the barrier on hydro-
gen exposure probably enhances recombination,
changing the shape of the |-V characteristic: in partic-
ular, its forward-bias branch deviates from the expo-
nential law throughout the voltage range and both the
forward-bias and reverse-bias portions of the I-V curve
tend toward saturation as the voltage increases. Such a
behavior of the |-V characteristic of Schottky diodes
was predicted theoretically in [15] under the assump-
tion that recombination via surface states prevails. It
should be noted that the inclusion of such arecombina-
tion retains the single-slope exponential dependences
of the forward and reverse current on the inverse tem-
perature in the narrow temperature range under study
and the continuous decrease in the activation energy of
the current with increasing hydrogen concentration.

Since the recombination current in our diodesissig-
nificant, the determination of the semiconductor band
bending with formula (1) and the density of surface
states by differentiating the forward-bias branch of the
|-V characteristic with the procedure suggested in [9]
becomes difficult. Thus, hydrogen chemisorption at the
AO/GaAs interface not only increases the positive
charge at the interface and probability of tunneling
through the oxide but also enhances the recombination
activity of thisinterface.

Performance of the diodes as gas sensors. Figure 6
shows the dependences of AV, and Aj on hydrogen
concentration at T= 370 K. Both AV, and AV, increase
approximately as~logP, and tend toward saturation at
Py = 1071%, which is typical of such dependences [8].
The sensitivity to hydrogen (avoltage change at agiven
concentration) determined from the photovoltage is
higher than that found from AV,. Also, the determina-
tion of the hydrogen effect using AV, gives a higher
detectivity (found by extrapolating the logarithmic part
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370K, dAO = 3.4 nm.

of the response to AV, = 0) than the procedure using
AV,. Thus, the detectivity of our Schottky diodes with
respect to hydrogen is ~102%, which isinferior to that
of GaAsdiodeswith anative oxide (~107%). However,
as follows from the study of the hydrogen response
kinetics, the speed of the diodeswith AO isno lessthan
that of the best Si and GaAs Schottky diodes[5, g].

In general, the variation of the current and photo-
voltage on hydrogen exposure is nonexponential,
implying heterogeneous hydrogen adsorption and des-
orption in the diodeswith Pd [1]. Because of this, asthe
characteristics of the relaxation process, we take the
times of adsorption, T, and desorption, T, When
hydrogen delivery was switched on and off, respec-
tively. Both valueswere measured at alevel of 0.5inthe
range where the variation of the associated parameter
was the fastest.

The dependences of 1,4, and TgsON P at T= 370K
obtained from the variation of AV, Aj;, and Aj, are pre-
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sented in Fig. 7. In the Py range under study, T, and
Tqes Vary between 0.6 and 50 s, which means that the
diodes are fast-responding sensors. Upon adsorption,

T4 Varies approximately as ~P;1 (curves 2—4); upon
desorption, T4 determined from the current variation

varies roughly as ~P[.1’ ? (curves 1, 5). The desorption
relaxation found from the AV,,, curve (curve 6) is the
slowest. With a forward bias applied to the diode, the
adsorption accelerates and the desorption slows down
(cf. curves 2 and 5). For V < 0, the situation is reverse
(curves 1 and 3). The maximal increase in the speed at
V < 0 was as much as one order of magnitude
(cf. curves 1 and 5). Note that the adsorption depended
on the bias relatively weakly and its rate was equally
high during current and photovoltage relaxations
(curves 2, 3).

Theinfluence of the magnitude and sign of the elec-
tric field on hydrogen adsorption and desorption in
Schottky diodes with AO can be related to the mecha
nism of hydrogen effect, which probably includes not
only atomic hydrogen diffusion and chemisorption at
the AO/GaAsinterface but also the drift of protons. It is
therefore natural to assume that aforward bias acceler-
ates adsorption and a reverse bias accelerates desorp-
tion.

Theactivation energies of adsorption and desorption
also depend on the magnitude and sign of the bias and
were found to be 0.45 and 0.49 eV, respectively, at V =
+0.3Vand0.4and0.3eV a V=-0.3V.

CONCLUSION

Studying palladium/anodic oxide/gallium arsenide
diodes, we found the AO layer thickness for which the
sensitivity to hydrogen is maximum. The effective
depth of atomic hydrogen penetration into oxide is
determined. The mechanism behind the hydrogen
effect involves hydrogen chemisorption, positive
charge formation at the AO/GaAs interface, the drift of
protons, and an enhanced probability of current carrier
tunneling through the oxide. Thin tunnel-transparent
anodic oxide layers are shown to be nonuniform in
thickness, the surface roughness being comparable to
therated thickness. The essential role of the recombina-
tion current in Schottky diodes, which is usualy
neglected in the hydrogen-sensitive Si and GaAs struc-
tures, is demonstrated. It is found that the highest
hydrogen detectivity is achieved from photovoltage

TIKHOV et al.

measurements and the maximal speed of response is
provided by recording the reverse current.
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Abstract—It is shown that the excitation of the el ectronic subsystem in heterogeneous semiconductors causes
the gettering (accumulation) of defects in regions where the diffusion coefficient of defects is low. This is
because this parameter in the wide-gap (active) region of the material increases, remaining low in narrow-gap
areas (drains). This effect improves the radiation hardness of the heterogeneous material, as demonstrated with
the CdS—PbS system, which exhibitsalimited series of solid solutions. © 2003 MAIK “ Nauka/Interperiodica” .

INTRODUCTION

It is known that the lifetime of 11-VI (e.g., CdS)
semiconductor devices, such as el ectron-beam-pumped
lasers and photoresistors, decreases upon high-intensity
irradiation because of the degradation of photoelectric
parameters. The degradation of the photoconductivity
manifests itself in two ways. the photoconductivity
greatly decreases, while the dark conductivity signifi-
cantly grows. The former effect is associated with an
increase in the concentration of dislocations and point
defects, which serve as centers for rapid nonradiative
recombination. The nature of these centers is as yet
imperfectly understood. It is generaly believed that
they are small associates of shallow donors, primarily
Cd and Cu interstitials, with other (usually acceptor-
type) defects[1, 2]. Asarule, heating to a temperature
of 450 K and subsequent cooling in the dark recovers
the performance of the initial (good) material.

The latter effect is usually associated with an
increasein the concentration of shallow donors (prima-
rily Cd interstitials), which can be caused by either the
dissociation of donor—acceptor pairs[1] or the effect of
subthreshold defect formation [3-5].

It was shown previously [6] that the stability of
polycrystalline 11—V semiconducting filmsisimproved
significantly if V-V compounds (PbS, PbSe, and their
solid solutions) are added to the initial charge. Because
of the limited mutual solubility of the components, a
heterogeneous material (hereafter referred to as CdS-
PbS) forms. It consists of the wide-gap photoconduct-
ing matrix Pb,Cd,_,S and narrow-gap inclusions
CdPb, _,S (x, y < 0.5). The study of the stability of
CdS—PbS and similar systems against degradation, as
well as the construction of a mathematica model
accounting for this stability, is therefore of great scien-
tific and practical interest.

The construction of such a model is the purpose of
this work. Our model utilizes the fact that irradiation

variously enhancesthe diffusion of defectsinwide- and
narrow-gap areas of a heterogeneous system (CdS-PbS
in particular). We generalize and extend our results
published previoudy [7-10], review theoretical works
concerned with radiation-stimulated solid diffusion,
apply them to heterogeneous systems with strongly dif-
fering diffusion coefficients in their constituents, state
the problem of diffusion in a heterogeneous medium,
and discuss some consequences that follow from this
problem.

RADIATION-STIMULATED DIFFUSION

The irradiation of solids is known to substantially
enhance the diffusion of defects [11-13]. Three mech-
anisms of radiation-enhanced diffusion (RED) are dis-
tinguished. Vinetskii and Chaika [11] considered the
RED of recombination centers when they acquire the
energy of free carriers through their recombination. In
this case, the RED coefficient D* is given by

_p.N.,0Y-PBEQ
D* = DONCexpD— T N

where D, is a factor weakly varying with temperature,
n isthe free electron concentration, N, is the density of
statesin the conduction band, U isthe energy barrier for
the migration of the centers, E, isthe energy of an elec-
tron on the recombination level, k is the Boltzmann
constant, T is temperature, and 3 is the empirical coef-
ficient that equals the fraction of the free-carrier energy
transferred to the center (recombination may involve
intermediate levels; therefore, the energy transferred to
the center may be lessthan E)).

This RED mechanism takes place in the wide-gap
phase of CdS-PbS, where recombination proceeds
through local centers and where the energy BE, may be
significant.

1063-7842/03/4802-0225%$24.00 © 2003 MAIK “Nauka/Interperiodica’



226

Mak [12] considered diffusion stimulated by charge
exchange on a center as a result of recombination and
derived the formula

2
* = w
D t 2
where a is the lattice parameter, ¢ is the number of

equivalent sites that can be occupied by a diffusing
atom, and

0 Yo nEo o
B v—n+ NCeXpD—ﬁD [

m = ypn%IH - v = 0 (3
0 N—”J’f'\'vexpg‘ T a5

isthe rate of charge exchange during recombination. In
(3), N, is the density of states in the valence band,
Y, and y, are the coefficients of trapping of electrons
and holes, respectively, by acenter; and E; isthe energy
gap.

However, expression (2) is valid if each event of
charge exchange causes a diffusion jump, i.e, if the
center becomes unstable after charge exchange. Only
then does the probability of the center passing jump-
wise from one equilibrium state to another (adjacent)
state per unit time equal m. Actually, charge exchange
narrows the barrier U by only AU = 0.5-1.0 eV [14].
With this taken into account, we refined the form of for-
mula (2):

a’m g U-AU
* —
D c XP0T

J (4

Thethird RED mechanism, which was suggested by
Stepanov [13], relies on energy transfer to diffusing
atoms when a radiation flux is elastically scattered by
them. Under the assumption that the maximal energy
transferred to defects from the particles is higher than
the barrier U for elementary activation processes but
lower than the threshold energy for atomic displace-
ments, he derived the formula for the RED coefficient

O E-U+KkT J
* = - el
D D 5& +a = expEk , 5)
where D isthe coefficient of equilibrium diffusion, E is
the maximal energy imparted to diffusing atoms by the
flux particles,

a = t1.0l/(1+T1,0l) (6)

isthe parameter of nonequilibrium, T, isthe thermaliza-
tion time of an excited atom, o is the cross section of
flux—atom elastic interaction, and | isthe radiation flux.

If E < U, thevalueof D* can be estimated with afor-
mulasimilar to (5) where U in the exponent is replaced

BUKHAROYV et al.

by E. Then,
, OEO
D* = Da eXpEkTD' @)

The derivation of (5) and (7) does not impose strin-
gent restrictions on the nature of the energy gained by
diffusing centers[13]. Therefore, these expressions are
fairly universal. In particular, formula (7) describes
RED proceeding by thefirst mechanismif the recombi-
nation flux |, of electronsis substituted for the radiation
flux 1. Since, according to [15],

U
D = Aexp E‘ﬁ%’ ©)

where A isaconstant, and the energy imparted to a cen-
ter through recombination BE, < U, we have from (7)

U-BEg
er o ©

E
D* =Da expBi—T'Ez Artorlrexpg—

where g, isthe cross section of charge carrier scattering
by a center, |, = v nisthe recombination flux, and v is
the thermal velocity of electrons.

It iseasy to check that (9) is equivalent to (1).

Considering a CdS—PbS photodetector as a model
heterogeneous system, we estimated the coefficient of
sulfur interstitial diffusion enhanced by an electron flux
| =10Y m2 s (beam current density 102 A/m?, accel-
erating voltage 2 x 10* V). None of the mechanisms
mentioned above was found to noticeably enhance the
diffusion of defects in narrow-gap inclusions of the
CdS-PbS system (the maximal diffusion coefficient
observed was D* = 102 m?s). Conversely, in the
wide-gap component, the diffusion of defects was
greatly enhanced following the first mechanism, D* =
10* m?/s. Thisvalue appearsto be quiterealistic, since
in experimentswhere CdSwasirradiated by X rays (the
doserate 250 rad/s), radiolysis products diffused with a
coefficient D* = 107%-107'> m?%s [3], and in our case
the radiation power was three orders of magnitude
higher.

Such a great difference between the RED coeffi-
cients of the centersin the components of the CdS—PbS
system is associated with the large energy gap and,
accordingly, with alarge depth of recombination levels
in the wide-gap (ith) component (Eg > 2 eV). There-
fore, recombination in this component is indirect and
proceedsviadefect levels (Fig. 1). In narrow-gap inclu-
sions (jth component), E; < 0.8 eV, recombination is
direct, and defects do not acquire the energy. Thus, in
an excited CdS-PbS system, defects responsible for
free carrier recombination have greatly differing diffu-
sion coefficients. The consequences of such a nonuni-
formity are discussed below.
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MOTION OF DEFECTS
IN A HETEROGENEOUS MATERIAL

Since point defectsin crystals are mobile, their con-
centration N must obey the continuity equation
: ON
— = + —
G-R = divJ 3
where G and R are the generation and annihilation
rates, respectively. In the general case, they are func-
tions of the coordinate r, time t, and concentration N,
and the defect flux J is given by

J = —DgradN + pNE, (11)

where D is the diffusion coefficient of defectsand [ is
their mobility, i.e., in the electric field E of a hetero-
junction.

Inview of (11), expression (10) takes the form

VODVN)-VOuUNE)+G-R = %?

If the diffusion component of the flux far exceeds

the drift component, which is valid, for example, in

coarse grains (as in the case of CdS—-PbS samples pre-

pared by the vacuum evaporation technology described

in[16]) subjected to low electric fields, one can put E =
0 and recast (12) as

(10)

(12)

V{DVN) +G—R = %—':‘.
For regions with constant D, Eq. (13) can be simpli-
fied till further:

(13)

2 ON
DV'N+G-R 3

Equation (14) is the basic equation of motion of
defects in a heterogeneous semiconductor like CdS—
PbS. To solve it requires initial and boundary condi-
tions to be imposed.

Sincethe concentration of defectsgrowsduringirra-
diation and much exceeds the initial concentration N,
(which causes degradation), one can put Ny = 0; then,
theinitial condition has the form

N(r, 0) = 0. (15)

For joining together the solutions at the interface,
we direct gradN along the x axis. Then, Eqg. (11) can be
written in scalar form, where the operator O is replaced
by differentiation with respect to x. In this case, the dif-
fusion component J; of theflux is

Jar = —D(ON/X). (16)

On the other hand, defects can be treated in terms of
the molecular kinetic theory (MKT) [14]. Let some sur-
face §;, say, the plane x = |, separate the defect area i
(x< 1) and defect-free areaj (x > |). Then, using the
MKT, one finds that the diffusion flux Jy; of defects at
the interface is Jy¢ = N()vp/6, where vy = a/T is the

(14)
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Fig. 1. Band diagram of the heterogeneous photoconduct-
ing system. E; and E, conduction band bottoms; E,;; and
E,;, vaence band tops, F, Fermi level; E;, recombination
(defect) level; Ey and Egy;, energy gaps; 1, capture of an
electron from the conduction band to a defect-related
recombination level; 2, recombination of the captured elec-
tron, photon release, and energy transfer to the defect; and
3, direct (band-to-band) recombination.

defect velocity in the crystal (a is the lattice constant,
which plays the role of the free path when considering
the diffusion of defects, and T is the mean residence
time of adefect in an equilibrium position). Expressing
Vvp through D [14],

vp = 6D/a, (17)

we find that J = DN()/a.

Now if the defect concentration NisN(I —0) = N; to
the left of the point x =1 and N(I + 0) = N; to the right
of this point (Fig. 2), the diffusion flux Jy; across the
plane x = | is given by the difference J, — J;:

Jar = Ji—J
(18)
= [D(I=0)N(I -=0) —D(I + O)N(I + 0)]/a.

Assuming that D(x) and N(X) are continuous func-
tions and taking into account that the least distance dx
in a crystal that has a physical meaning is the lattice
parameter a, we obtain formula (16) from (18). If at
least one of these functions experiences a discontinuity
at the point x = I, we obtain the joining condition at the
interface from (18). If D(X) and N(X) are piecewise con-
tinuous functions and everywhere have derivatives on
the left and right and if the flux is continuous at the
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i X

Fig. 2. Defect concentration profile and defect fluxes at the
interface between the wide (i)- and narrow (j)-gap phases of
the heterogeneous semiconductor. N, defect concentration;
X, coordinate; |, coordinate of the interface; and J; and J;,
defect fluxes at the interface.

interface (defects do not annihilate at the interface), the
joining condition appears as

x=1 aX

x=1

N o (19)
= 2N =N,

Since gradN is aligned with the x axis, (19) can be
recast in vector form

-DilVNi[|s = -Dj|VNj[|g

(20)
= [(Di/ai)Ni—(Dj/aj)Nj]|Si.

Here, the interface between the regionsi and j may be

an arbitrary (including closed) surface and not neces-

sarily aplane.

Note that if Ni(I) = N(I), & = &, and D; > D, the
right-hand side of (19) is positive and the flux of defects
from the region i to the region j arises; in other words,
defects are gettered by the region with a smaller diffu-
sion coefficient (asif stuck in it). Thus, the difference
in the RED rate in the narrow- and wide-gap regions of
a heterogeneous photoconducting system (such as
CdS-PbS) causes the gettering of defects by narrow-
gap inclusions.

If the regions with asmaller diffusion coefficient are
limited (as takes place in CdS—PbS), the defect flux
mentioned above causes local minimaof N(r) to appear

BUKHAROYV et al.

inside narrow-gap inclusions. Let the number of these
minimum points generate a set p (in the simplest case,
p = 1). Then, in the general case, the boundary condi-
tion for a narrow-gap inclusion has the form

gradN|, , = 0. (21)

For the wide-gap region, the boundary condition is
the same with the only difference that here points of
extremum are maximum points. Therefore, since this
region can be considered as unbounded (itssizeismuch
greater than that of anarrow-gap inclusion), here p rep-
resents, as arule, asurface (or aset of surfaces).

To summarize, we mathematically state the problem
of defect migration in the CdS-PbS heterogeneous
photoconductor in the general form

V OD,0N;) -V O N;E;) + G =R = aNy/at, (22)
V OD;0N;) -V ON;E)) + G, —R, = aN,/ot, (23)

N.(r, 0) = 0, (24)
gradNi|, i = 0, (26)
gradN;|, ,, = 0, (27)

_D|[VN||s = -D/|VNj[|«

s, iV Nl 28

= [(Di/ai)Ni—(Dj/aj)Nj]|$i.

Recall that the subscriptsi and j refer to the wide-
and narrow-gap regions, respectively. Expression (28),
which isthe joining condition at the interface, refersto
adjacent regions separated by the surfaces S

Since the only property of the CdS—PbS heteroge-
neous system used in stating the problem is the nonuni-
form distribution of the diffusion coefficient, our con-
siderations are applicable to any solid-state heteroge-
neous system featuring the nonuniform distribution of
the diffusion coefficient.

Below, we introduce some notions and discuss sev-
eral results following from boundary-value problem

(22)~(28).

MEAN CONCENTRATIONS AND MEAN RATE
OF DEFECT GENERATION IN A
HETEROGENEOUS MEDIUM

For any regions of a heterogeneous photoconductor,
one can introduce the parameter G that has the mean-
ing of the effective mean rate of defect formation (by
anal ogy with a homogeneous photoconductor):

Gy = [ON/At+ R

where the angular brackets mean a space average.

We assume that the diffusion migration of defectsis
the only reason for the effects discussed above; that is,

(29)
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Eq. (13) isthebasic one. In view of thisequation, let us
recast (29) as

Gur = \%J‘[V [(DVN) + G dV
Y (30)
_ s
= [GO+ VngradeS.
S

Here, V is the volume of the corresponding space and
Sis the boundary surface. In (30), we used the diver-
gence theorem. Since, as was shown above, the defect
flux across Sis directed from the wide- to narrow-gap

region, theintegral $_gradN dSispositivefor anarrow-

gap inclusion and negative for the wide-gap matrix.
Hence, the effective rate of defect generation in the
wide-gap phaseislower and in the narrow-gap phaseis
higher than the generation rate [GLin the corresponding
homogeneous material. In other words, the presence of
the narrow-gap phase, where the radiation-induced
enhancement of defect diffusion is lower than in the
wide-gap phase, decreases the effective rate of defect
generation in the wide-gap phase of a heterogeneous
semiconductor.

Let N, (w=1, ) be the mean concentrationsin the
wide- and narrow-gap regions:
Nw =

NI = Vi [NV, (31)
V(JL)

where V,, is the volume of the corresponding space.

Expressing the recombination term as R= KN? (K is
the recombination coefficient), which is valid for the
direct recombination of Frenkel defects, and integrating
(13) over the volume V; of the wide-gap region, we

arrive at an equation for N; :
dN;

Vidgr

= V, [0~k INide + fDiVNidS, (32)
Vi S
where § is the surface bounding the wide-gap region.
Since the variance [N — N )?= ON?(}~ IN[3 is non-
negative, we have
2

V.IN‘O= (N’dV > DNolD = V.N?
IND= [NfavzGNOT = ViR (39
V, v, U

1
Vi

Consequently, in view of (32) and (33), we canwrite

dNi =2 1
—_—< [— ; — .
5 < GO« N, +VifS,VN,dS (34)
S
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and conclude that N; , which obeys the equation
dNi ~2 1
- = iL—K Ni + =¢D;VN;a5,
ot [GO-k N VifD VN,dS (35
S

bounds N; from above; that is, N; < N; . Sincethe two
last terms in (35) are nothing but Gy, which, in the
wide-gap region, isbelow the mean generation rate [GL)

wefind that N; < Ni < Np, where N, is the defect con-
centration in a homogeneous material at the same
defect generation rate G. Thismeansthat the concentra-
tion of radiation-induced defects in the wide-gap phase
of a heterogeneous semiconductor is aways lower than
in a homogeneous system of the same composition;
hence, the wide-gap phase is superior to the homoge-
neous material in radiation hardness.

The presence of an electric field may change the
defect distribution up to the point where N; > N,; how-

ever, inthiscase, too, N; will belower than the concen-
tration of defects under the condition when the coeffi-
cient of defect diffusion is the same throughout the
material.

When implementing this mechanism of increasing
the radiation hardness, one should bear in mind that the
mere difference in D isinsufficient for this mechanism
to be efficient. It is also necessary that the diffusion
coefficient in the active region (the wide-gap region in
the case of CdS—PbS) be so high that defects can reach
the gettering zone for the time of enhanced diffusion
(i.e., during irradiation). Our calculations and experi-
ments with CdS [3, 6, 8] show that such a situation
occurs in an irradiated heterogeneous CdS—PhS semi-
conductor.

CONCLUSIONS

The basic results of thiswork are as follows.

(1) A different degree of defect diffusion enhance-
ment in the wide-gap matrix and narrow-gap inclusions
of a heterogeneous photoconductor improves its radia-
tion hardness in comparison with a homogeneous pho-
toconductor provided that the diffusion coefficient in
the active region of the heterogeneous material is suffi-
ciently high.

(2) If the RED coefficients in the wide- and narrow-
gap regions of heterogeneous systems differ substan-
tially, radiation-induced and processing-related defects
are gettered by the lower coefficient region. This
decreases greatly the mean concentration of defectsand
the mean effective rate of their generation (formula
(29)) in the higher coefficient region.

(3) These processes may be responsible for the
experimentally observed fact that the radiation hard-
ness of an CdS heterogeneous semiconductor is
improved by adding PbS.
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Abstract—Modified coupled-mode equations are employed to develop a theory of filters that use
waveguide modes of two surface acoustic wave (SAW) resonators weakly coupled in the transverse
direction. Results of simulation based on thistheory are compared with the earlier experiment.© 2003
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INTRODUCTION

The coupled mode (COM) method is an efficient
technique for calculating parameters of SAW filters.
The conventional COM method (see, e.g., [1]), which
relies on a system of inhomogeneous differential equa:
tions, involves too complicated a procedure for design-
ing SAW devices with arbitrarily varying parameters.
In the framework of this theory, it is difficult to allow
for such factors as the variable period of the structure,
the arbitrary polarity of the electrodes connected to the
contact lines, apodization, and the nonuniform charge
distribution over the electrodes. All these factors are
easy to takeinto account by the method that isbased on
modified equations for coupled modes and deals with
an elementary unit of the structure. This method also
allows one to use more complex models of the struc-
ture.

The method of modified equations has been used to
simulate various SAW devices [2—4]. In this paper, we
elaborate atheory of a narrow-band SAW filter that is
most promising for communications. These filters
employ waveguide modes in a structure of two SAW
resonators weakly coupled in the transverse direction
(transversely coupled resonator filters, TCRFs). TCRFs
attract researchers' attention because they feature alow
insertion loss and high out-of-band suppression. Earlier
(see, e.g., review [5]), TCRFs were analyzed based on
the conventional coupled mode theory (COM theory).
However, TCRFs with variable polarity of electrode
pairs connected to the contact buses are difficult to sim-
ulate in terms of the conventional COM theory. In the
TCRFsconsidered in this paper, the polarity of theelec-
trodes is chosen so that at least two longitudinal reso-
nance modes are excited. Note that, owing to both the
weak transverse coupling between the two resonators
and the waveguide effect, either longitudinal mode
splits into two modes. Thus, in TCRFs with variable
polarity of electrode pairs connected to the contact bus,
four or even more modes can be excited simulta

neously. A four-mode filter provides a wider passband
and higher shape factor than a usual two-mode TCRF.
The theory proposed below can be used for simulating
conventional TCRFs, as well as TCRFs with variable
electrode-pair polarity.

In this paper, a theory of filters that use waveguide
modes in two SAW resonators with weak transverse
coupling is developed. Calculations based on this the-
ory are compared with the earlier experiment [6, 7].

TRANSVERSE ACOUSTIC FIELD
DISTRIBUTION IN A TCRF

Let R(y, z, w) and Sy, z, w) be two coupled inhomo-
geneous plane waves of angular frequency w that prop-
agate in a semi-infinite piezoelectric with interdigital
transducers (IDT-1 and IDT-2) and reflecting arrays
(RA1-L, RA1-R, RA2-L, and RA2-R) in the form of
metal strips applied on its surface (Fig. 1). The wave
R(y, z, w) travels in the positive z direction; the wave
Sy, z, w), in the negative z direction. We will also
assume that the transverse field distribution is z inde-
pendent and that the structure is limited in the y (trans-

IDT-1 RAI-R

Vi
1= :%Bfm; %Ji
AL
cRmgel
RA2-L U, IDT-2  RA2-R

=

dy

Fig. 1. Layout of aTCRF.
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verse) direction; therefore, waveguide modes can exist
in this structure. The inhomogeneous plane waves can
be written as

R(Y, 2, w) = R(w)¥(y)exp(-jka), )

Sy, z. w) = S(w)W(y)exp(+jkz), @)

where R(w) and Sw) are the complex amplitudes of the
waves, W(y) isthetransverse acoustic field distribution,
and k is the wave number.

We will seek thefield distribution W(y) asasolution
to the wave equation for the complex amplitudes of
waves traveling in the positive z direction:

201,(t)
T rKaw) = o @

wheret =1, 2, 3, or 4 is the number of the structure’'s
region (Fig. 1) for which the equation is written.

The acoustic field distribution must satisfy the
boundary conditions

why) = wi(y) a y=aGl2, (4)
WwAy) = WOy a y=G/2+Ww, (5)
WOy = wWy) a y=GIR2+W+S, (6)
WPy _ aw?(y)

5 5o d y=o/2 7)
vy _ av®(y) _

ay  dy a y=G/2+W, (8
0wy _ a¥w“(y) _

3y - oy a y=G/2+W+S. (9

Since the structure is symmetric about the z axis, a
solution to Eq. (3) under boundary conditions (4)—9)
will be sought in the region y > 0 as the expansion in
orthonormal set of functions

WOy = Y wRm),

n

where W(y) = A sin(kqy) + Brcos(kyy)-
Inregion 1, k2, = —k5, = ~(k% — k3); in region 2,

(10)

K2, = k3, = k2 —K2:inregion 3, ks, = ky,; andinregion 4,

Ko, = —k5, = (k> — K2). Here, k., k., and k, are the
SAW wave numbers for an infinite piezoelectric cov-
ered by a continuous metal film, covered by an infi-
nitely long array of infinitely long electrodes, and
uncovered, respectively, and k, is the wave number of
an nth mode. In the general case, waveguide modes of
n(n=0,1,23,...) typescan exist in the structure, each
having a particular transverse field distribution. There-
fore, we will seek a solution for each of them.

DMITRIEV

Taking into account the sign of the propagation con-
stant k;, and the symmetry of the structure, we look for
a solution to Eq. (3) in regions 14 in the following
form:

inregion1 (0<y<G/2),
w2(y) = ByyFa,
where

_ [Ocosh(ky,G/2)  for symmetric modes

B — L. . . _(11)
(sinh(k,,G/2) for antisymmetric modes,
inregion 2 (G/2<y<W+ G/2),
W) = Apsin(kzny) + Bancos(kany);  (12)
inregion3(W+ G2<y<W+G/2+9),
W(y) = Banexp(—kany); (13)
andinregion4 (y>W+ G/2+9),
Wi(y) = Banexp(—Kyny)- (14)

The coefficients By,,, Aoy Bony Agry By and By, can be
found from boundary conditions (4)—9) and the
orthonormality condition

jwwﬂwwmw=6mw, (15)

where 9, is the Kronecker symbol.

Using boundary conditions (5) and (8) and expres-
sions (12) and (13), adispersion relation that relatesthe
wave numbers of acoustic waveguide modes to their
angular frequency can be derived. The existence condi-
tions for a solution to the dispersion relation are dis-
cussed in [1].

MODIFIED COM EQUATIONS
FOR A TCRF

To calculate the TCRF s input admittance, let us use
Egs. (9)«11) from [3] and expand the acoustic wave
field in waveguide modes. Then, with expressions (1),
(2), and (10), we can write

Ry, z 0) = % Ry(w)exp(=jki2)Wn(y),  (16)

Sy, zw) = 5 S(@)exp(+jk2)Wa(y).  (17)

Next, we perform the following standard procedure.
Substituting expansions (16) and (17) into Egs. (9) and
(10) from [3], multiplying both sides of the equations
by W.(y), and integrating the result with respect to y

TECHNICAL PHYSICS Vol. 48
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from —oo to +o0, we abtain, in view of orthonormality
condition (15),

S(,n(w) = rKnl,KeXp[_anpK] RK,n(w)
+01k (L= |rel ) expl=iKn Pl Sc.+ 1 n(W)
+ & (W)N, kXPl—-iKnPu/2] (TSIUL + TPU),

(18)

Re+1n(@) = Ny (L= re®) " expl—jKapid Re n(®)
+ 1Ny, EXP[—]KnPr] Sk + 1, n(W) (19)
+ E (W)No k &XPI—-iKnPe/2 (TPUL + TPUY),

where r is the complex reflection coefficient of a Kth
electrode, Kk, = k, — ky —ja, ky = 217py, px isthe center
distance between (K + 1)th and Kth electrodes, & isthe
coefficient of SAW transformation by a Kth electrode
[3], N1k = WL /W, Ny« = W, /W, W is the maximal
aperture, W,  is the overlap of adjacent electrodes,
W, « = Wwhen dummy electrodes are used and W, =
W,  otherwise, a is the total SAW propagation lossin
the electrode structure per unit length, and Ly is the
width of aKth electrode. The SAW reflection (transfor-
mation) center is assumed to be at the center of each
electrode.

The quantities T and T? are defined as

G/2+W

T = (1w) [ .,
G/2
-G/2

T = (UwW) [ dy¥ay).

—(G/2+W)
Note that T = T for symmetric waves and

T =79 for antisymmetric ones. Let the number of
electrodes in either IDT and in each of the reflecting
arrays be N; and Ng, respectively. Next, we write
Eqg. (11) from [3] for either transducer, substitute
expansions (16) and (17) into the resulting equations,
multiply both their sides by W,(y), and integrate the
result over the aperture of either transducer to arrive at
formulasfor the variation of the current in the IDTsdue
to the transformation of the forward- and backward-
traveling waves.

I n(@) =11 kg () = 28 (w)exp[—jK,pk/2]
(20)
X T [ R, n(00) + S n(W)],
[k n(@) =15 k1 (W) = 2&(w)eXp[—jK,Pk/2] 1

x TP Ry n(00) + Sc. n(W)].

The changein the current in the buses that is caused
by the voltage drop across the IDT capacitance will be
taken into account later.
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Relationships (18)—(21) can be written in matrix
form:

Sk, n(®) P(1,1) P(L,2) P(L 3) P(L,4)
Rer1n(W)| _| P(2,1) P(2,2) P(2,3) P(2,4)
Al (@) | P(3,1) P(3,2) P(3,3) P(3,4)
Aly (@) | P4 1) P(4,2) P(4,3) P(4,4)

Ry, n(W)
% S+ 1,n(W) ,
U,
U,

where Al n(W) =1k n(W) =11,k + 2, n(W), Al g, n(W) =
2,k n(0) = 12,k + 1, n(W),

P(1,1) = reny cexpl—jKopyl.
P(1,2) = Ny, (1=|rd*) “exp[~jK,pdl.
P(1,3) = & ()N, k&XP[=jK,P/2 Ty,
P(L,4) = & (@) cexp[—jK,pe/2] T,
P(21) = ny(L=r®) " expl-ik,pd

P(2,2) = reny cexpl—jKapyl,

P(2,3) = &(w)N, kexp[—jK,pe/2) TS,
P(2,4) = &(w)N,, cexp[—kK,p/2] T,
P(3,1) = P(3,2) = 2&.(w)exp[-jK,/2 T},
P(4,1) = P(4,2) = 2&(w)exp[-jKP/2 T,

P(3,3) = P(3,4) = P(4,3) = P(4,4) = 0.

To caculate the components of the TCRF's P
matrix, we will first find the components of the total P
matrix for two SAW structures (with matrices[PY] and
[P@)]) connected in series. For the sake of simplicity,
we omit the subscript n from relationships that follow.
Then, the [PY] matrix is given by

Sk(w)
R+ 1(w)
Al (W)
Al g (w)
PY(, 1) PY(Y, 2) PY(, 3) PY(L, 4) RK(w()Zg)
= PP 1) PP 2 PP(2 3) P2 4)||Sce1(@)]

PY@3E, 1) PY3E, 2) PY3,3) PU@3, 4| U
PY4, 1) PM4, 2) PY4,3) PP@4, 4|l Y.
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where Al (@) = 1y k(wW) — 11 k+12(w) and Al (W) =
5, k() =15 « 4 ().
The [P@] matrix will be defined as

Sc+1(w)
R+ 1(w)
Aly 4 1(w)
Aly 41 (W)
(24)
PY(1, 1) PP, 2) PP, 3) PP(1, 4)||Re+ 1()
_|P?2,1) P?2,2) PP (2 3) P?(2, 4)||Sc+2(w)
PA3, 1) PP3,2) PP3,3) PP3 4| Vs ’
PP, 1) PP@4,2) PP4,3) PP4, 4| Y.
where Al g, 1(®) = l3k+2(@) — lykeo(w) and

Al 4 1(0) = 15 k4 1(0) = 15 k4 2(W).

Using systems of equations (23) and (24) with arbi-
trary coefficients, which are written for two series-con-
nected SAW structures of the TCRF, we easily obtain
the components of the total P matrix:

Sk(w)
Ry +2(w)
Al (w)
Al (w)
(25)
P, 1) P, 2) P, 3) P™(1, 4)| Re(@

_ P2, 1) P2, 2) P2, 3) P2, 4)|Sc. o)
P3, 1) P93, 2) PR3, 3) PO(E, 4)| Us
P(S4)(4, 1) P(S4)(4, 2) P(S4)(4, 3) P(S4)(4, 4) U,

where Al (w) = 14 k(W) — 14 g+ 2(W), Aly(w) = 15 k(W) -
5 K+ 2(0),

P9(1,1) = PY(1, 1)

26
+PY(1,2)P?(1,1)PD(2, 1)/Py; 0
PY(1,2) = PP(1,2)P?(1,2)/Py;  (27)
(S4) - p®

P¥(1,3) = PY(1, 3) 8

+PY(1,2)[P?(1,3) + PP(1, )PV (2,3)1/Py;
PY(1,4) = PY(1,4) + PY(1, 2)[P?(1, 4) (29

+PP(1,1)PP(2, 4)1/Py;

P*(2,1) = PP(2, 1)P?(2,1)/IPy;  (30)
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P92, 2) = P?(2,2)

) . @ (31)
+P@ (2, 1)PM (2, 2)P? (1, 2)/P,;

P*Y(2,3) = P?(2,3) + PP (2, 1)[PY(2,3)

32
+P?(1,3)PM(2,2)1/P,; (32

PY(2,4) = PP(2,4)+ PP (2, 1)[PP(2,4)

, ) (33)
+P@(1, 2P (2, 2)1/P,;

P93, 1) = PY(3, 1) + PP (2, 1)[PP(3, 1)

34
+PP(1,1)PY(3,2)1/Py; e

P9(3,2) = P?(3,2) + P?(1,2)[PV(3, 2)

(1) (2) (35)
+PW(2,2)P?(3,1)]/Py;

P93, 38) = PY(3,3) + P¥(3,3)
+{PY(3,2)[P?(1,3) + P?(1,1)PP(2,3)] (36)
+P?(3,1)[PY(2,3) + PY(2,2)PP (1, 3)]} /P,

P9(3,4) = PY(3,4)+ PP (3, 4)
+{ PP (3, 2)[P?(1, 4) + P?(1, 1)PP(2,4)] (37)
+PA(3, 1)[PY(2, 4) + PP (2, 2)PP(1, 4)]} 1P,

P9(4,1) = PP(4,1) + PY(2, 1)[P?(4, 1) ()
+P(1,1)PY(4,2)1/P,;

P©9(4,2) = PP(4,2)+P?(1,2)[PP(4,2)
(39)
+PY(2,2)P?(4,1)1/Py;

P%(4,3) = P(4,3)+ P?(4,3)
+{PY(4,2)[P?(1,3) + P?(1, 1)PY(2,3)] (40)
+PP(4,1)[PD(2,3) + PY(2,2)P(1, 3)]} /Py;

P(S4)(4, 4) - P(l)(4, 4) + P(Z)(4, 4)
+{ P(l)(4, 2)[p(2)(]_, 4) + P(z)(l, 1) P(l)(z, 4)] (41)
+PP(4,1)[PY(2,4) + PY(2,2)PP (1, 4)1} /Py,

where Py = 1 - P@(1, 1)PD(2, 2).

The superscripts $4, 1, and 2 refer to the total P
matrix, P matrix of the left-hand SAW structure, and P
matrix of the right-hand SAW structure, respectively.
By an SAW structure, one can mean both asingle elec-
trode and a group of electrodes with a known total P
matrix. The above relationships can be used for calcu-
lating the input admittance of a TCRF with arbitrarily
varying polarity of the electrodes connected to the IDT
buses, varying period, apodized electrodes in the IDT
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and reflecting arrays, and arealistic distribution of the
surface current (charge) over the IDT's electrodes [3].

INPUT ADMITTANCE OF A TCRF

We will calculate the input admittance of a TCRF
with the modified COM method. We represent either
IDT as a device with two electric and six acoustic
inputs (outputs). Then, the equivalent circuit of aTCRF
can be represented as shown in Fig. 2. The transducers
IDT-1 and IDT-2 are under potentials U, and U,, which
generate currents I, and 1,, respectively, through the
devices. The complex amplitudes of acoustic waves
incident on IDT-1 and IDT-2 from the left are denoted
as R the corresponding reflected waves, as S, . The

complex amplitudes of acoustic wavesincident on IDT-1
and IDT-2 from the right are denoted as Sf 2. the

respective reflected waves, as R % . The complex ampli-

tudes of acoustic wavesincident on thereflecting arrays
RA1-L (RA2-L) and RA1-R (RA2-R) from the left are

denoted as RE* and RS*, respectively; those of the cor-
responding reflected waves, as S,? ' and Sf ' The com-
plex amplitudes of acoustic waves incident on the

reflecting arrays from the right are denoted as Sf ? and
C

s

B2 C2
waves, as R, and R,”.

2 respectively; those of the corresponding reflected

Acoustic coupling between the transducers IDT-1
and IDT-2, as well as between the reflecting arrays
RA1-L, RA2-L and RA1-R, RA2-R, is defined by the
transverse acoustic field distribution in the structure,
which is described by expressions (11) and (12).

To obtain the components of the [P(®T)] matrices,
which describe the TCRF's transducers in the absence
of the reflecting arrays RA1-L (RA2-L) and RA1-R
(RA2-R), we write equations similar to Egs. (22) for a
kth electrode of IDT-1 and IDT-2, set px = dy, and suc-
cessively multiply the matrix components according to
(25)41). As aresult, we obtain

S*(w)
R (w)
Al (w)
Al,(w)

PP, 1) PPN, 2) P'PT(1, 3) P'PT (1, 4)
_|P'PP@2 1) P72, 2) P72, 3) PIPT(2, 4)
PPN, 1) PPT@3, 2) PIPT(3,3) PUPT(3, 4)
P'PN@, 1) P'°"4, 2) P'°V(4, 3) P'°T, 4)

(42)
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R**(w)
«|S*%(w)
u, |
U,

The P matrices of the reflecting arrays RA1-L
(RA2-L) and RA1-R (RA2-R) are derived from
Egs. (22) and (25)—(41) in a similar manner. It should
be taken into account that the reflecting arrays do not
reverse the forward- and backward-traveling acoustic
waves, and electric potentials are not applied to them.
Therefore, in deriving the P matrices of the reflecting
arrays, we must put §x =0, Uy =0, and C, = 0. In this
case, the matrix elements P(1, 3), P(2, 3), P(3, 1),
P, 2), P(3, 3), P(1, 4), P(2, 4), P(4, 1), P(4, 2), and
P(4, 4) vanish. Then, with pt = dg, for the P matrix of
thereflecting array RA1-L (RA2-L), we obtain

S (w)
RBZ((JO)

RBl(Q))
S*(w)

and for the P matrix of the reflecting array RA1-R
(RA2-R),

_ | P"P(1, 1) PY(1, 2)

, (43)
pPAY(2,2) P“Y(2, 2)

RC! (w)
L2 ()

<t (w)
RC? ()

PAR(1, 1) PUF(1, 2)
P (2,2) P*R(2,2)

- (44)

The matrix [P(®Y], which describes the gap between
the reflecting array RA1-L (RA2-L) and IDT, and the
matrix [P(®2)], which describes the gap between the
IDT and reflecting array RA1-R (RA2-R), can be
obtained from Egs. (22) and (25)—(41) with & = 0,
Upy=0,C,=0, r, =0, and Wi = 0. Inthiscase, only the
eements P(1, 2) and P(2, 1) will be nonzero. Figure 2
shows that RAD = RB2exp(—jkd,), $? = Sexp[jkd,],
R = RAexp(Hkd,), and $*? = S'exp(jkd,), where
d, isthe spacing between the IDT and reflecting array.

U,
Till RA2 RCI

IDT-1
<>

RC2
RAI-R[

SA2 SC] 7 SC2
< —

RB2 RAI
—> —

RAI1-L
B2 (Al
S2 S0

SA2 SC 1 SC2

<

RAZ
—>

SBl <S782 <LA1

PUANR
IDT-2

IVA

U,

RC2

RB2 RA]

RA2-L

Fig. 2. Equivalent acoustoelectric circuit of a TCRF.
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By successively multiplying the matrices in accor-
dance with formulas (25)—41),

[PO] = [POY] x [PA2] x [PUPT),

[P(R)] — [P(AR)] x [P(DZ)] ,
and

[P(S4)] - [P(L)] x [P(R)],

we obtain the components of the matrix [P©S¥], which
describes the transducers in the presence of the reflect-
ing arrays RA1-L (RA2-L) and RA1-R (RA2-R).

The quantities PSA(3, 3), PSA(3, 4), PSY(4, 3), and
P$4(4, 4) have the meaning of admittances. One should
keep in mind that they are obtained for an nth
waveguide mode. Extracting these quantities from the
[PSY] matrix, we come to

(45)
(46)

Ya(1,1) Yn(1,2)
Ya(2,1) Ya(2,2)

U,
U,

l1,n(w)| _
|2, n(w)

where Y,(1, 1) = PSA(3, 3), Yq(1, 2) = +P(A(3, 4), Y,(2,
1) = PSA(4, 3), and Y,(2, 2) = +PS9(4, 4) are the com-
ponents of the input admittance matrix of the filter due
to an nth waveguide mode.

Taking into account the sign of U,, one should use a
plus sign before Y,(1, 2) and Y, (2, 2) for symmetric
modes; a minus sign, for antisymmetric ones.

Since this theory considers only linear interactions
(thetransformation of forward- and backward-traveling
SAWs and aso the reflection and propagation of
SAWSs), thetota current throughthe IDT isequal to the
sum of the currentsrelated to each of the modes excited
plus the high-frequency current through the IDT static
capacitance:

Ny

() = z[ll,n(w)] +J'w(Cz/2)U12ﬂ1K, (47)
n k=1

Sy1. dB

-5
-10
-15
-20
=25
-30

69.3
w, MHz

68.3 68.8

Fig. 3. Transmission coefficient of an unmatched two-mode
TCREF: (1) experiment and (2) simulation.
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Ny

lp(w) = Z[lz,n((’o)] +jw(02/2)uzzr]2K- (48)
n k=1

Note that the number of waves being excited and
their symmetry are determined by solving the disper-
sion relation derived from boundary conditions (5) and
(8). Then, after the input admittance matrix compo-
nents due to each of the waveguide modes excited in the
TCRF have been calculated from Egs. (45)—48), they
are merely summed to find the components of the
TCRF s total input admittance:

()] | Y(2,1) Y(L,2) ||Ud, (49)
I,(w) Y(2,1) Y(2,2) ||U,, (50)
where
Y(1,1) = S PPY(3,3) + jw(Cy/2) Tq . (51)
Z 2 kZl 1K
Y(12) = § +P(3 4); (52)
Y(2,1) = 3 P(4,3); (53)

Y(2,2) = Zipff“)m, 4) + jw(CZIZ)Z Nak. (54)
n k=1

Note that the plus sign in the expressionsfor Y(1, 2)
and Y(2, 2) should be used for symmetric modes; a
minus sign, for antisymmetric modes.

The equivalent electrical circuit of a TCRF has the
form of all-section composed of passive elementswith
complex admittances. Using the equivalent electric cir-
cuit and input admittances of (51)—(54), the S parame-
tersof aTCRF can easily befound by the standard tech-
nique.

S21, dB
~10
-30
-50
68.2 686" 69.0" 69.6
w, MHz

Fig. 4. Transmission coefficient of two matched TCRFs
connected in series: (1) experiment and (2) simulation.
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Fig. 5. Electrode polarity reversal in the four-mode TCRF.

EXPERIMENTAL RESULTS
AND SIMULATION

To experimentally validate the theory developed
above, we will use the results reported in [7], where a
TCRF with the same polarity of electrode pairsis con-
sidered. Therefore, it can be ssimulated with both the
conventional COM theory (see, e.g., [1]) and the theory
presented in this paper. The filter was designed for a
center frequency of 68.9 MHz using the conventional
COM theory and the procedure of optimizing the
parameters W, G, Ny, and d;/dg. To provide the required
bandwidth (=80 kHz), ST, X quartz was taken as a
piezoelectric substrate material. The basic parameters
of thefilter'slayout were d; = 22.835 um, dg = 22.791 um,
the number of electrodes in the transducer IDT-1 (and
IDT-2) N; = 561, the number of electrodes in the
reflecting array RA1 (and RA2) Ng = 200, W = 6.3\,
G = Ag, thickness of thefilm A1 0.018),, d; = 0.875A,,
and Wi = 5\, where A is the acoustic wavelength at
the center frequency.

The measured transmission coefficient (S,;) of the
filter connected to a 300-Q transmission line without
matching elementsis shown in Fig. 3 (curve 1) together
with the result of simulation based on the theory pro-
posed in this paper (curve 2). The—3-dB bandwidth and
the insertion loss were measured to be 85 kHz and
5.5dB, respectively. The plateau at —27 dB in the
experimental curve is attributed to direct |eakage. Note

(a)
CHI1 B/R logMAG 5 dB/REF-9.115 dB

Cor |
Get -
Hild -

ol
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that the input (output) impedance of the filter measured
with a R4-37 network analyzer is=300 Q.

In order to improve the out-of-band suppression, we
connected two filters (with W = 6.3\ for the first filter
and 5.9, for the second) in series. Theinput and output
of either filter were matched with the help of 0.6-uH
inductances, and an emitter follower was connected to
the input of the first filter. The frequency response of
the two filters that was taken using the 50-Q R4-37 net-
work analyzer isshownin Fig. 4 (curve 1) together with
the result of simulation based on the theory proposed
(curve 2). Theinsertion loss and —3-dB bandwidth were
measured to be 7 dB and 82 kHz, respectively. The out-
of-band suppression in the range 10-200 MHz was no
less than 43 dB except for the narrow (about 10-kHz-
wide) —36-dB peak at 68.770 MHz.

To validate our theory in the case when four modes
are simultaneously excited in a system of two weakly
coupled resonators, we took advantage of the experi-
mental data reported in [6] for a TCRF with four rever-
sals of the polarity of electrodes connected to the IDT
contact buses. The basic parameters of the filter's lay-
out were as follows: the total number of electrodes in
the transducer IDT-1 (IDT-2) Ny = 999, the number of
electrodes in the reflecting array RA1 (RA2) Ny = 250,
W=28\,, G=2A\,, thicknessof thefilmA10.017A,, and
d; = 0.875\,. The piezoelectric substrate material was
ST, X quartz. The polarity of electrode pairsis reversed
at N; =91, N, =139, N; = 326, N, = 674, N; = 861, and
N = 909. Electrodes from the first to N,th, from N,th to
Nsth, from N4th to Nsth, and from Ngth to N;th were
dummy. The electrode polarity variationisillustrated in
Fig. 5. If we assume that the electrode polarity in the
central part of the IDT is positive, i.e., +1, then the
polarity of electrodes from N;th to N,th and from Nsth
to Ngth is negative, i.e., —1.

The measured transmission coefficient of the filter
connected to a 50-Q transmission line without match-
ing elements is shown in Fig. 6a (data from [6]). The
results of simulation based on our theory areillustrated

(b)
CHI1 B/R logMAG 5dB/REF-3.507 dB

Cor
Get
Hid

CH1

Center 249.540000 MHz

SPAN 5.000000 MHz

Fig. 6. Measured transmission coefficient of (a) the unmatched and (b) matched four-mode TCRF [6].
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SZI’ dB (a) S2[a dB
S21min = —78 dB _5 S21mm 1 2 dB

-10

-20 -10
-30 -15
—40 -20
-50 =25
-60 . / -30

246.5 249.5 252.5 246.5 249.5 252.5
w, MHz

Fig. 7. Transmission coefficient of (a) the unmatched and
(b) matched four-mode TCRF calculated by the method
proposed in this paper. Thefilter layout isthe sameasin[6].

in Fig. 7a (theoretica results in [6] are absent). The
measured transmission coefficient of the filter matched
to the transmission line is plotted in Fig. 6b (data from
[6]), while Fig. 7b shows the curve cal culated with our
theory. Good agreement between the experiment [6]
and the proposed theory is observed. The theoretical
insertion loss is dlightly lower than the experimental
values, presumably because our calculations ignored

the ohmic loss in the IDT electrodes and reflecting
arrays.
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Abstract—Methods for measuring angular, geometrical, and energy characteristics of a hollow relativistic
electron beam using the transfer function of a converting target are developed. A relationship between the
anisotropy parameters of bremsstrahlung behind thetarget, angular characteristics of electrons, and geometrical
parameters of the electron beam in the target plane is established. The energy balance equation that describes
the interaction between the electron beam and converting target is studied. The transfer function of the target
and its behavior versus electron energy are found. Thetime and integral characteristics of the electron beam are

examined. © 2003 MAIK “ Nauka/Interperiodica” .

INTRODUCTION

15-MeV electron accelerators are widely used for
studying nuclear-radiation-related effects and in appli-
cations concerned with the generation of high-intensity
pulsed photon radiation [1, 2]. The radiation is gener-
ated in a target that converts a part of the electron
energy to bremsstrahlung (converting target). The
parameters of the bremsstrahlung depend directly on
the type and thickness of the target, as well as on the
energy, current, and angle of incidence of electrons.

Although electron beams in accelerators have been
used for along time, areliable correlation between the
bremsstrahlung characteristics and electron beam
parameters, which could be used to optimize the elec-
tron beam conversion and obtain given bremsstrahlung
fields, isstill lacking. According to [3], the energy yield
| of bremsstrahlung per electron (without considering
self-absorption in atarget with an atomic number Z and
assuming that normally incident electrons of energy E
aretotally absorbed) is given by

| = ZE®/(ZE + 6.53 x 10°), MeV. 1)

The strong dependence between the energy yield of
bremsstrahlung and the electron energy has stimulated
the development of methods for finding the energy and
current characteristics of electron beams by measuring
the bremsstrahlung characteristics. In particular, it was
proposed [4] to measure the time distributions of the
electron energy E(t) and current J(t) with a set of
Compton detectors that have essentially different
energy dependences of the sensitivity to photon radia-
tion.

A set of dose-rate detectors with replaceable filters
was used in [5], where electrons were assumed to nor-
mally strike the target. The disadvantages of the tech-
niques suggested in [4, 5] are theinadequacy of calibra-
tion and measurement conditions and a narrow energy
range available because of fundamental limitations. In
[6], adiode collimating array was used to study thetime
evolution of the electron beam radial structure by trac-
ing the bremsstrahlung yield. Thefeasibility of evaluat-
ing the parameters of a continuous cylindrical electron
beam from those of secondary radiation was carefully
investigated in [7]. These studies have made it possible
to work out an algorithm for the synthesis of the target
transfer functions to estimate the energy, current, and
angle of incidence of electrons in the energy range
below 3 MeV. The associated technique uses a set of at
least four dose-rate detectors with identical energy
dependences of the sensitivity (which are placed at
fixed distances from the target at different anglesto the
axis of electron beam transport (G = 0-180°)) and elec-
tron beam current meters.

The measuring methods developed are indirect and
assume that bremsstrahlung measurements are exact.
Under certain conditions, this approach is apparently
justified.

At present, there are no data for using similar meth-
ods to measure the characteristics of high-current hol-
low relativistic el ectron beams. In this paper, wefill this
gap to a certain extent, suggesting experimental
approaches to reconstructing geometrical, angular, and
energy characteristics of hollow electron beamsin the
plane of a converting target.

1063-7842/03/4802-0239%$24.00 © 2003 MAIK “Nauka/ Interperiodica’
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SUBJECT OF INVESTIGATION
AND EXPERIMENTAL TECHNIQUE

The problem of increasing the bremsstrahlung yield
under laboratory conditions was partialy solved by
using linear pulsed accelerators (of LIU type) with a
hollow electron beam [8]. Hollow electron beams are
accelerated and transported in axisymmetric electric
and magnetic fields. Thelimiting current J;;,, that can be
transported under these conditionsis given by

Jim = oy =1)F[1+ 2In(1/r)], 2

where J, = 17 KA isthe Alfvén current; yistherelative
electron energy; and | and r are the thickness and effec-
tive radius of the electron beam, respectively.

The arrangement of the accelerator’s inductors built
onradial lines providesawiderange of electron energy.
The electron energy spread Ay over the beam cross sec-
tion depends on the beam current J as

Ayly = 0513/r J,. 3

For the L1U-10 accelerator, the maximum €electron
energy is 12 MeV, the beam current is <40 kA at a
cathode diameter of 8 to 12 cm, and the pulse width is
<3x103%s

When a high-current hollow €electron beam is trans-
ported through an accel erating tube in an axisymmetric
magnetic field, the particle vel ocity vector makes a cer-
tain angle with the magnetic induction vector. This
angle depends on the self-consistent structure of the
self-electromagnetic fields of the beam and external
fields. The complex motion of an electron in such fields
can be represented as the motion of a point (guiding
center) in appropriate coordinates plus the rotational
motion about this center. The path of the eectron’s
guiding center is ahelix with aradius depending on the
guiding center azimuth velocity, i.e., on the self-electric
field (radial component) and resultant magnetic field
(axia component), while the path of anindividual elec-
tronisahelix with aLarmor radiusthat iswound on the
guiding center path.

Such a representation of the particle motion is not
rigorous but visualizes its influence on the bremsstrahl -
ung field behind the target. Relative to the beam trans-
port axis, the electron motion has the axial, V,; azi-
muthal, V,; and radial, V,, velocity components, which
arerelated to the angle of incidence © as

© = arctan{ /(V3+V{)/IV}
= arctanA/(tan2[3+tan2¢).

With reproducible axisymmetric magnetic and
accelerating electric fields, the angle of incidence
depends primarily on its energy and, for a severa-
megael ectronvolt energy range, varies within a radia-

(4)
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tion pulse only dightly; i.e., under these conditions, an
electron beam during a pulse can be characterized by
the effective angle of incidence Q.

The method for determining the angular and geo-
metric characteristics of a hollow relativistic electron
beam incident on a converting target relies on the fact
that the energy and angular distributions of
bremsstrahlung leaving an absorbent with an atomic
number Z depends on its thickness D, electron energy
E, and effective angle of incidence Q. The basic prop-
erty of the angular distribution of the bremsstrahlung
generated when arelativistic electron is deflected in the
field of a nucleus or bound electron is that the photons
travel predominantly in the direction of the primary
electron, mostly within a cone whose apex angle is
inversely proportional to the relative electron energy y
[2]. The angular distribution of bremsstrahlung gener-
ated in converting targets of a thickness comparable to
or greater than the primary electron mean free path is
affected by multiple scattering and depends on the el ec-
tron energy loss. An analytical expression describing
the bremsstrahlung from such absorbents has not been
derived. Based on qualitative considerations, one can
expect that, as the target thickness increases, so does
the angular distribution width and the angle of maxi-
mum bremsstrahlung yield may not coincide with Q
when Q # 0. The difference Y between Q and the angle
of maximum bremsstrahlung yield increases with Z, D,
and Q and decreases with increasing E. Under particu-
lar measurement conditions and geometry, Y can be
obtained from independent experiments with monoen-
ergetic electron beams. Velocity components responsi-
ble for the bremsstrahlung exit angle (asin (4)) in the
case of ahollow electron beam are determined from the
positions of maxima in the bremsstrahlung dose rate
distribution over j (j = 3) planes at different distances
from the target that are normal to the electron beam
transport axis [9] (for example, with the help of dose-
rate detectors).

In the coordinate planes, the sequences of the
bremsstrahlung dose rate distribution maxima pro-
duced within a pulse are represented by normal (rela-
tive to the electron beam transport axis) sections of a
one-sheet hyperboloid (at Q # 0). The geometric
parameters of these sections are used to find the coeffi-
cients a, ¢, and h of the equation of one-sheet hyperbo-
loid (in the canonical form) whose rectilinear genera-
trices are collinear with the direction of the maximum
bremsstrahlung yield. Therefore, the components of the
effective (over a pulse) angle of electron incidence
given by (4) can be expressed through the coefficients
a, ¢, and h of the canonical equation of one-sheet hyper-
boloid as follows:

B = arctan(alc) + Y, 5)

¢ = arctan{ah/c./(c’ +h*)} +Y,. (6)
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Using this technique, one can also determine the
one-pul se effectiveradiusr of the cross section of ahol-
low electron beam in the target plane:

r = (a/c)(c®+h?). (7)

To calculate the energy characteristics of the beam’s
electrons, consider the energy balance equation for the
interaction of the beam with ahomogeneous converting
target whose thickness meets the total absorption con-
dition for primary electrons. For the electron energies
of interest, the beam energy W can be represented by
the sum of the energy absorbed in the target (W), that
carried away by bremsstrahlung (W), backscattered
electron radiation (W), d-€lectron radiation (Ws), and
photoneutron radiation (W,,); i.e.,

W — Wy, — W — Wi — Wy, — Wiy, = O, (8)

The energy W of the electron beam per radiation
pulse can be expressed by the time-dependent beam
current J(t) and electron energy E(t):

T

W = e_lfJ(t)E(t)dt, 9)
0

where e isthe electron charge.

Accordingto[7, 10, 11], the energy E(t) of electrons
incident on the target at the time instant t within the
width T of an electron radiation pulse can be repre-
sented through the dynamic characteristic of the target
transfer function (JU(t) = P(t)/J(t)] asfollows:

E(t) = b [P/ I ™o - cons- (10)

Here, P(t) is the time-dependent bremsstrahlung dose
rate at a particular point of the field and

n(t) = ay + B[ P(1)/I()] +Y[P(1)/I()] + ..., (11)

whereb, a,, By, and y, are the coefficients depending on
measurement conditions and geometry.

The parameters W, J(t), P(t), and Q are determined
experimentally during a radiation pulse. The compo-
nents Wy, Wi, Wo, and W; from (8) can be expressed
as a function of W given by (9) with relationship (10)
taken into account.

Consider in detail the components of Eqg. (8) for a
single-layer converting target. Due to their small mass,
electrons are intensely scattered in a material; there-
fore, the probability that they will reflect from the target
isfairly high, especialy at Q # 0. By analogy with (9),
the component of Eg. (8) that refersto the beam energy
loss W, during a pulse due to electron backscattering
can be represented as

T

Wy =€ J'R(Q, E, Z)J(t)E, (t)dt, (12)
0
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where R(Q, E, 2Z) is the total electron backscattering
factor and E_ (t) is the average energy of backscattered
electrons.

The total electron backscattering (reflection) factor
R depends largely on their energy E, effective angle of
incidence Q on the target, and atomic number Z of the
target material and can be analytically represented
as[12]

R=V+{1-V}{1-(1+0)™
x[(1-21.73cosQ)/(1+ 1.73
x{ cosQ(1-0)/(1+0)} *°)]} exp(-1/0),

where V isthe tabul ated function of the electron scatter-
ing angle[12] and o = (Z + 1)/E isthe number of events
of electron scattering by angles on the order of 1.

The average energy E,, can be estimated as[12]
E,=06E[1-E(1-snQ)/(Z+1)]. 14

The component W, in Eg. (8), which represents the
electron beam energy carried away from the target by
bremsstrahlung, is determined from the radiation yield
by introducing the efficiency coefficient for target
bremsstrahlung [2] (which depends on the atomic num-
ber of the target and el ectron energy) and by estimating
the self-absorption of the bremsstrahlung radiation in
the target; i.e.,

(13)

T

W, = e‘lKZIW(t)E(t) (15)
0

x exp[-p{ E(t)} (D —d{ E(t)} )/cosQ] dt,

where K is a coefficient in MeV—2; u{ E(t)} isthe mass
coefficient of photon absorption in the converting target
that is averaged over the photon energy spectrum; and
D and d{ E(t)} are, respectively, the thickness of thetar-
get and the depth where the effective generation of pho-
tons starts [2].

The component W5 in Eg. (8), which represents the
energy taken away from the target by & electrons, is
estimated in accordance with [13]. Here, it istaken into
account that the bremsstrahlung spectrum, excluding
the characteristic radiation, is almost independent of
the target’'s atomic number Z and the relative
bremsstrahlung spectrum, of the electron energy. Thus,
W5 depends on the bremsstrahlung cross section alone
and is no greater than 0.2% of Win (9) for target mate-
rialswith Z < 74.

The analysis of the photoneutron yield [2] shows
that W, in (8) is no greater than 0.1% of the electron
beam energy W for the vast majority of materials; i.e.,
W; and W, in Eq. (8) can be viewed as corrections. As
follows from the aforesaid, in the electron energy range
considered, the significant components of Eq. (8) areW,
W, W, and W, of which W, and W, can be
expressed anaytically through the components of the
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Fig. 3. Transfer function U(E) of the converting target.

parameter W given by (9) and W, is determined exper-
imentally. The errors in W, and W, calculated and in
the parameters P(t), J(t), Q, and W,,, measured may sig-
nificantly affect the solution. Theratios of Wy, W, and
W,, to W depend on the atomic number of the target.
The lower Z, the smaller Wy/W and W, /W and the
greater W,/W, i.e., the significance of W, and Wi, in
energy balance equation (8) can be minimized by
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appropriately choosing Z of the target. To find the coef-
ficientsb, a,, By, and y, from (10) and (11), wewill use
the method stated in [14]. In this method, P(t), J(t), Q,
and W, arefirst measured by applying aseriesof d > 4
radiation pulses from the accelerator that differ signifi-
cantly in maximum electron energy, with the experi-
mental geometry and conditions remaining the same,
and then system of nonlinear equations (8) is solved.

EXPERIMENTAL

The above techniques were used to study the angu-
lar and energy characteristics of electrons in a hollow
beam at the exit of an L1U-10 linac in order to optimize
its operating conditions for obtaining a high-intensity
uniform bremsstrahlung field. The converting target
was made of iron (Z =26 and D = 7.2 g cm™), and the
bremsstrahlung dose rate was measured with an SD2-
01 scintillation detector made of P-15 plastic and
placed 1 m behind the target on the electron beam axis.
The beam current was measured with a sectional
Rogowski loop. The current and dose-rate measuring
channels were synchronized and had identical timeres-
olutions. The beam energy absorbed in the target, W,
was determined with a copper thermal resistor, which
was regularly applied on the surface of the target and
had a uniform surface resistance per unit length [14].
The coordinates of the dose distribution maxima were
found with | S-7 thermol uminescent glass detectors and
then processed with a computer program. In indepen-
dent experiments with continuous cylindrical beams of
monoenergetic electrons with the same experiment
geometry, we determined the parameter Y versus
energy and angle of electron incidence over given
ranges of these parameters (Figs. 1, 2) with the help of
thermoluminescent detectors.

With an induction of an axisymmetric magnetic
field applied to the accelerator channel B=0.4T and a
maximum electron energy from 8to 12 MeV, the effec-
tive angle of incidence changed from 16° (3 = 14° and
¢ =-8°) to 13° (B = 11° and ¢ = —7°). The negative
value of ¢ means that the electron beam radialy
diverges near the target. The value ¢ # O characterizes
the deviation of the electron beam from the cylindrical
form.

As follows from the experiment, the induction B =
0.4 T of the externa axisymmetric magnetic field,
which prevents the spread of the electron beam in the
accelerating tube (¢ = 0), decreases substantially near
the target because of the edge and skin effects, which
changes the angular characteristics of the electrons.
When the external magnetic field near the target is
increased to 0.55 T, the component of the effective
angle of incidence ¢ = 0 and the component 3 increases
to 18° (for E = 12 MeV).

The dynamic transfer function U(t) of the convert-
ing target was constructed by machine processing the
measured distributions P(t) and J(t). From the experi-
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Fig. 4. Time distribution of the electron energy in aradia-
tion pulse: (M) intermediate acceleration mode and
(#®) acceleration mode optimized in electron energy.

mental results and in view of the measurement errors
involved in P, J, Q, and W,,,, we obtained a solution to
Eqg. (8) when the number of equations in the system is
d = m(misthe number of unknownsb, aqg, By, Yo, ---):

b = 0047, a,= 7.23x107,

Bo = 091x107, vy, = -2x10"

Theseresultsallow usto find the transfer function of
the target U = P/J versus the electron energy, U(E),
shownin Fig. 3. When U(E) and dynamic transfer func-
tion U(t) are known, it is possible to caculate E(t),
W(t), and the electron energy spectrum F(E) in the tar-
get plane. The functions E(t) and F(E) are plotted in
Figs. 4 and 5, respectively, for two energy regimes. The
discrepancy in the rise times of the electron energy
pulse when a different number of the inductors is used
(Fig. 4) and the tail observed in the low-energy region
of the integral electron energy spectra (Fig. 5) make it
possible to estimate the temporal mismatch between
the accelerating fields of the inductors.

CONCLUSION

Thus, we established a correlation between the
parameters of the bremsstrahlung field and those of a
hollow electron beam incident on a converting target
whose thickness meets the total reflection condition for
primary electrons.

It is shown that, when the bremsstrahlung is pro-
duced by ahollow electron beam transported in an axi-
symmetric magnetic field, the components of the angle
of incidence of relativistic electrons on the target can be
determined from the geometrical parameters of the
maxima of the bremsstrahlung dose rate distribution in
severa planes. The effect of the angle of incidence and
energy of electrons on this correlation is clarified. The
transfer function of the target is defined as the ratio of
the bremsstrahlung dose rate at a point on the electron
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Fig. 5. Electron energy spectra in a radiation pulse. The
acceleration modes are the same asin Fig. 4.

beam axis to the beam current. The solution of Eq. (8)
is, in essence, the calibration of the measuring system,
primary current converters, bremsstrahlung dose rate,
and target in a given geometry. This calibration speci-
fies the transfer function of the target versus the elec-
tron beam energy, U(E). The procedure employs the
absolute calibration method measuring the energy W,,
released in the target and may be omitted in subsequent
measurements.

The techniques developed in this paper are used to
study the geometrical, angular, and energy characteris-
tics of ahollow electron beam transported to a convert-
ing target in an axisymmetric magnetic field. The time
behavior of the electron energy and current allow oneto
analyze the acceleration process, improve the synchro-
nization of the accelerating field inductors, and thus
optimize the angular and geometrical characteristics of
the electron beam in the target plane. This information
is sufficient to calculate the bremsstrahlung energy
spectrum for any time interval (within the pulse width)
and can be used to find ways of acting on ahollow elec-
tron beam that provide a bremsstrahlung field with spe-
cific desired properties (dose, doserate, irradiation uni-
formity, equidistant planes of equal dose, etc.).
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Abstract—A study ismade of the generation of electron beamsin asystem consisting of eight secondary-emis-
sion cathodes arranged at regular intervals in the azimuthal direction inside a coaxial cylindrical anode in
crossed electric and magnetic fields. In this system with an azimuthally nonuniform electric field, secondary-
emission multiplication of electrons is realized and beam generation is achieved. With a cathode voltage of
~37 kV and a magnetic field of ~3000 Oe, the total current of all the beams amounts to ~35 A, the microper-
veance of each beam being ~0.7 pA/V3/2, © 2003 MAIK “ Nauka/ Inter periodica” .

INTRODUCTION

In recent years, studies of electron sourceswith cold
cathodes operating in the regime of secondary emission
in crossed electric and magnetic electric fields have
aroused considerable interest [1-6]. The principle of
beam generation in secondary-emission systems in
crossed fields is well known. When the voltage drops,
primary electrons moving in a decreasing electric field
and constant magnetic field along cycloidal trajectories
gain energy and bombard the cathode. If the electric
field at the cathode decreases very rapidly, the electrons
gain enough energy to knock out secondary electrons
(with a secondary yield o above unity). At this instant,
the number of both bombarding and knocked-on elec-
trons increases in an avalanche-like manner. The num-
ber of electrons near the cathode increases until it
reaches a certain critical value, at which the dynamic
equilibrium is established, the secondary-electron mul-
tiplication becomes steady state, and beam generation
begins. Primary electrons in the system can be pro-
duced by field emission, emission from dielectric
impregnations on the cathode surface, or emission from
an auxiliary hot cathode[1, 2].

For generating an electron flow by secondary-emis-
sion multiplication, the crossed electric and magnetic
fields must be properly produced near the cathode. In
view of the boundary conditions near the metal surface,
the electric field is always normal to the cathode sur-
face. Therefore, in any system of cylindrical secondary-
emission cathodes (including those possessing no azi-
muthal symmetry throughout the entire interelectrode
gap), conditions exist such that an electron beam may
be generated by secondary-emission multiplication.

A system consisting of rod anodes and secondary-
emission cathodes was studied in detail in [7]. In this

system, the rod anodes are positioned at the intersection
of the axes forming squaresin the xy plane, and the rod
cathodes are located between them at the intersections
of the diagonals and form a set of cells. The azimuthal
profile of the electric field in each cell varies from
almost uniform (near the surfaces of the rod cathodes)
to strongly nonuniform (at a distance from the cathode
equal to or longer than half the distance from the rod
anodes). Such a design allows the regular arrangement
of the cellswith secondary-emission cathodes and, con-
sequently, of the electron beams, whose number can be
increased either in one axia direction (to form a linear
beam) or in both directions (to form an arbitrary beam
configurationinthe xy plane). With four cells, acathode
voltage of ~28 kV, and a magnetic field of ~2200 Oe,
electron beamswith atotal beam current of ~22 A were
produced.

Itisof interest to study anonuniform system similar
to the linear system with rod anodes and cathodes, but
in cylindrical geometry. Such a system consists of a
coaxial cylindrical anode and secondary-emission cath-
odes arranged at regular intervals in the azimuthal
direction between the anode cylinders. In this paper, we
study the generation of electron beams in a multicath-
ode secondary-emission system with acoaxial anodein
crossed electric and magnetic fields.

EXPERIMENTAL SETUP AND MEASUREMENT
TECHNIQUE

A schematic of the experimental deviceisshownin
Fig. 1. Specially shaped voltage pulses with an ampli-
tude of up to 100 kV, aflat-top duration of ~5 ps, and a
repetition rate of 12—-15 Hz were fed from pulse modu-
lator 1 (where FL isthe forming line, L is the charging

1063-7842/03/4802-0245%$24.00 © 2003 MAIK “Nauka/ Interperiodica’



Fig. 2. Multicathode system: (1) secondary-emission cath-
odes, (2) anode, (3) insulator, and (4) metal disk.

choke coil, U, isthe charging voltage, Risthe charging
resistor, DL isthedelay line, C istheforming capacitor,
and PT is the step-up pulse transformer) to cathodes 6
of the system through lead-in insulator 2. Anode 7 was
grounded through resistor R;. The pulse top necessary
for the beam generation was formed at the cathodes by
adding two pulses. a short pulse, produced by a sepa-
rate generator with thyratron T,, and a flat-top voltage
pulse, generated by a modulator with thyratron T, [8].
The duration of the voltage drop was ~0.3 ps, and the
drop steepness was ~150 kV/us. We used a nine-cell
forming line with a wave impedance of 12 Q and afull
width at half maximum of ~7 ps.

The multicathode system was placed in vacuum
chamber 3, which was evacuated to ~10 torr. The
magnetic field necessary for the generation and trans-
portation of the beam was created by solenoid 4, con-
sisting of four sections and powered by dc source 5.
The strength and longitudinal profile of the magnetic
field in the vacuum chamber could be controlled by
varying the currents in the solenoid sections. The inho-
mogeneity of the longitudinal magnetic field in the sys-
tem and in the transport channel (up to the Faraday cup)
was +8%.

We measured the cathode voltage, the el ectron beam
current at the Faraday cup, and the anode current. The
parameters of the voltage pul se were measured with the
help of resistive divider R;R,, and the anode current was
measured with the help of measuring resistor R;. The
Faraday cup 8 was a segment of a coaxial line with an

AIZATSKII et al.

impedance of ~12 Q. The line length was ~400 mm,
and the cylinder diameter was 120 mm. The stainless-
steel end surface of the Faraday cup, which was
exposed to the beam, was cooled with water. The beam
current in the measurement circuit reached its steady-
state value in 1.0-1.5 ns. The beam dimensions were
measured from beam prints on an auminum or a
molybdenum foil. In order to estimate the reproducibil-
ity of the shape and amplitude of the cathode voltage
pulses, as well as the beam current at the Faraday cup,
in addition to oscilloscope measurements, a double-
channel computer-based system was also used.

The design of the system with a cylindrical anode,
in which secondary-emission cathodes are arranged, is
shown in Fig. 2. It can be seen that the system contains
eight copper cathodes 1 (5 mm in diameter) mounted on
metal disk 4. Coaxial anode 2 is mounted on the same
disk through insulator 3. The outside diameter of the
anode cylinder is 68 mm, and the inside diameter is
20 mm. The stainless-steel anode cylinders are jointed
with a metal flange, which has holes to insert the cath-
odes.

EXPERIMENTAL RESULTS
AND DISCUSSION

In the experiments, we achieved secondary-emis-
sion electron multiplication and the generation of elec-
tron beams. The total beam at the outlet from the gun
consisted of 8 electron beams. At a voltage amplitude
of ~37 kV and magnetic field of 3000 Oe, the tota
beam current amounted to ~35 A and the anode current
attained 1.5-2 A. Stable beam generation was obtained
with a voltage drop steepness of ~150 kV/ps.

Figure 3ashowstypical oscillograms of the cathode
voltage and the total beam current at the Faraday cup. It
can be seen that the beam generation begins and the
leading edge of the beam-current pulse forms when the
cathode voltage drops. The measured rise time of the
beam-current pulseis 10-12 ns.

Figure 3b shows oscillograms of the anode current
and the total beam current at the Faraday cup. It can be
seen from Fig. 3b that the anode current is similar in
shape to the beam current and amounts to ~3% of the
beam current. In the oscillogram of the anode current,
we can see an initia signal related to the differentiation
of the spike of the voltage pulse. We also measured the
dependence of the beam current at the Faraday cup on
the cathode voltage. This dependence obeys the 3/2
law. In these measurements, the magnetic field corre-
sponded to the maximum amplitude of the total beam
current.

In experiments, it was found that the design of the
cathode insertion into the anode significantly affected
the generation stability and the beam amplitude. To
study this effect, we examined the beam generation in
two versions of the cathode insertion. In the first ver-
sion, the flange joining the anode cylinders was posi-
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Fig. 3. Typical oscillograms of (a) the voltage pulse at the cathode (bottom) and the current pulse at the Faraday cup (top) (the ver-
tical scales are 8 kV/division and 8 A/division, respectively; the horizontal scaleis 1 pg/division) and (b) beam-current pulse at the
Faraday cup (bottom) and the gun anode current (top) (the vertical scale is 8 A/division for the beam current and 1 A/div for the
anode current; the horizontal scaleis 1 ps/division). The magnetic field is ~2500 Oe.

(b)

Fig. 4. Beam prints (a) at the outlet from the anode and (b) at a distance of 72 mm from the anode.

tioned on the cathode-insertion side. In the second ver-
sion, thejoining flange was positioned on the beam-exit
side, whereas the cathodes were inserted into the anode
through the gap between the inner and outer cylinders,
and the anode had a conical part at the cathode-inser-
tion site (in order to increase the electric strength). The
experiments showed that the first version ensured the
stable generation of the beam current. In the second
version, generation was also stable, but the beam cur-
rent was lower. In this version, the beam-current pulse
consisted of two parts: an initial flat-top part (corre-
sponding to stable generation) with a duration of 0.5—
1.5 ps and a subsequent (unstable) part with current
spike amplitudes of ~5 to 10 A. As the magnetic field
increased, the duration of the flat-top part increased (to

TECHNICAL PHYSICS Vol. 48
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1.5 ps), but the spiky character of the subsequent beam
generation remained the same.

The above effects are explained by the fact that,
changing the design of the cathode insertion, we
change secondary-emission conditions in the initial
stage of the beam formation. The change in the strength
and distribution of the edge electric field in the sites
wherethe cathodes are inserted into the anode resultsin
a change in both the number of primary electrons and
the conditions under which these electrons gain energy.
With a high electric field, the number of electrons is
larger, they gain energy more rapidly, and their final
energy is higher. With a lower electric field, both the
number of the primary electrons and their energy
decrease; as a result, the beam generation becomes
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Fig. 5. Waveforms of the cathode voltage pulses and the beam current at the Faraday cap.

unstable. On the other hand, the multicathode systemis
a system with a nonuniform field. Calculations show
that, in this case, the character of electron motion
changes substantially and self-sustained secondary-
emission multiplication can even become impossible.
Hence, the cylindrical part of the cathode insertion into
the anode acts as a stabilizing element that determines
the development of the secondary-emission processes.
These results show that the secondary-emission pro-
cesses can beinitiated by introducing asectioninwhich
the electric field is strongly nonuniform.

Thetransverse dimensions and positions of the elec-
tron beams were measured from their prints on targets
placed at different distances from the anode (Fig. 4).
These measurements showed that, at the outlet from the
anode, the system forms eight elliptical electron beams
with a mgjor axis of 6.5-7.0 mm and minor axis of
5.5-6.0 mm. The beam positions correspond to the
cathode positions. The beam-print thicknessis~1 mm.
The ellipse axes are inclined at an angle of ~45° to the

circle on which the cathodes are arranged (Fig. 1).
When the magnetic-field direction isreversed, theincli-
nation of the ellipse axes changes by 90°. The €llipse
dimensions are the same both at the exit from the anode
unit and at adistance of 72 mm from the exit.

A physical reason why we obtain such prints is as
follows. The electric-field distribution over the trans-
verse cross section of the system is nonuniform. Calcu-
lations show that the radial electric field near the cath-
ode surface is nonuniform within ~20% in the azi-
muthal direction: the shorter the distance to the anode,
the higher the electric field. This causes radial electron
drift and deforms the shape of the beam cross section,
which transforms from a circle into an ellipse inclined
at a certain angle about the beam axis.

We note that the magnetic field in the multicathode
system is higher than the magnetic field of a single
magnetron gun with nearly the same dimensions (with
a cathode diameter of 5 mm, an anode diameter of
26 mm, a cathode voltage amplitude of 37 kV, and a
2003
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magnetic field of 19002000 Oe) by afactor of 1.5. For
instance, stable beam generation in the multicathode
system with a cathode voltage amplitude of 36 kV was
achieved at a magnetic field of 3000 Oe.

This might be the result of a change in the electric-
field distribution in the system under study. In the
absence of an electron cloud, the spatia region where
the electric field near the cathode is uniform in the
transverse direction is small. When an electron sheath
(with asubstantial space charge) isformed, the electric
field near the cathode is forced out from the sheath and
the size of the region where the electric field is uniform
decreases. As a result, a higher magnetic field is
required for beam formation.

The cathode voltage pulses and the beam current at
the Faraday cup were also measured with a double-
channel computer-based system. Experimental points
were obtained by sampling from running oscillograms
with a sampling period of 200 ns (at a voltage ampli-
tude of 34 kV and beam current of 30 A). This allowed
us to estimate the beam-generation stability in 16 suc-
cessive pulses, i.e., theamplitude stability from pulseto
pulse. These results are presented in Fig. 5, which dem-
onstrates a rather stable beam generation.

CONCLUSION

It has been demonstrated that crossed-field electron
guns with rod cathodes and a nonuniform electric field
can be used to achieve self-sustained electron-beam
generation due to secondary electron emission. The
electric-field distribution near the sites where the rod
cathodes are inserted into the anode system consider-
ably affects the characteristics of the generated beam.
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The electron flow from the gun makes up N distinct
beams, where N is the number of cathodes (in our case
N = 8). At the outl et from the anode unit, the beam cross
section is €liptical in shape, and this shape changes
only dlightly during beam propagation.
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Abstract—Crystallographic phase transitions in perovskite-like LaSrMnO metallic oxides are studied. The
transitions areinduced when internal stresses generated during film synthesis (at temperatures between 450 and
730°C) vary (decrease or increase) upon subsequent irradiation by aKrF laser emitting in the UV range. Asthe
synthesis temperature T, grows, the rhombohedral -to-orthorhombic phase transition occurs at 650-670°C. The
resistivity is shown to be either temperature-independent, p(T) = const, at T < T, Or varies and reaches a max-
imum, p(T) = Pmax a the Curie temperature T,. Optical transmission spectra taken at photon energies fiw =
0.5-2.5 eV exhibit both a high (0.8-0.9) and low (0.1-0.3) transmission coefficient t, depending on the synthe-
sis temperature. As follows from X-ray diffraction data, the laser irradiation causes a phase transition only in
LaSrMnO filmsgrown at T < 650°C. Phases of different size scales appear: the long-range-order orthorhombic
matrix and mesoscopic-range-order rhombohedral clusters are observed in the films grown at T, = 450-550°C
and the rhombohedral matrix with orthorhombic clusters, in the films grown at T4 = 550-650°C. © 2003 MAIK

“Nauka/Interperiodica” .

INTRODUCTION

It has been reported [ 1-5] that the unit cell of lantha-
num manganese oxides like LaSrMnO (which attract
researchers attention because of the giant magnetore-
sistance effect) may vary from cubic to rhombohedral.

The variability of the unit cell structure in perovs-
kite-like metallic oxides is explained by the fact that
growth-related internal stresses may be accumulated
and accordingly released in adifferent way in the mul-
ticomponent system, causing the crystallographic self-
organization of one or another order.

Taking into account [6, 7] and our own experience,
the structure evolution in order of increasing lattice dis-
tortions is generally the following: cubic — tetrago-
nal — orthorhombic — rhombohedral, or

a=b=c a#b-=c,
G:B:y:90°,q:B:y:90°,

azb#c, a=b=rc,
a=B=y=90° ao=p=90° y=z90°

MATERIAL AND INVESTIGATION
TECHNIQUES

Samples were obtained by the sputtering of a
LaygSrg,Mn, ,04 target with a pulsed KrF laser (1 =
25 ns, energy density @ = 3.0 Jcm?, oxygen pressurein
the working chamber P = 300 mtorr). The films were

deposited on SrLaGaO,, Nd;Ga;0;,, and Gd;Ga;0,,
substrates in the temperature range 450-730°C and
subsequently irradiated by the same laser at lower
energy densities (0.1 < ® < 0.15 Jcm?; the number of
pulses was varied from 5 to 500).

The film structure was examined by the X-ray dif-
fraction method using CrK,, radiation combined with
the photometry method [8], which makes it easy to
detect X rays diffusely scattered by clustered solid
solutions (i.e., our objects; Fig. 1). Electrical measure-
ments were carried out in the temperature interval 4.2—
300 K by standard techniques. Transmission spectra
were taken at room temperature in the photon energy
range i = 0.5-5.0 eV with an SP 700C spectropho-
tometer.

RESULTS AND DISCUSSION

Film synthesis temperature. The stressed state of
the film structure was varied by varying the LaSrMnO
synthesis temperature T, between 450 and 730°C. The
lower limit is close to the amorphous—crystalline (dis-
order—order) phase transition (T = 350-400°C); the
upper, to the experimentally found optimum tempera
ture (T = 750°C) for the synthesis of good films (with a
Curie temperature T, > 300 K).

Substratesfor epitaxial growth. Substratesusedin
the experiment had a much lesser effect on the film
stressed state than the synthesis temperature. We used

1063-7842/03/4802-0250$24.00 © 2003 MAIK “Nauka/Interperiodica’
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Gd;Ga;0,,, SrLaGa0,, and Nd;Ga;0,, perovskite-like
single-crystal substrateswith different interplanar spac-
ings.

Varying these two parameters (the synthesistemper-
ature and lattice—substrate lattice mismatch), we pro-
vided conditions for growing elastically stressed
Lay¢SroMn,; ,0; layers and thus created a variety of
crystalline phase structures via the self-organization of
the elastically stressed multicomponent charge-inho-
mogeneous system. Moreover, the system is subjected
to atime-temperature regime that favors diffusion pro-
cesses (450 < T, < 730°C, 10 min).

The rhombohedral-to-orthorhombic phase tran-
sition at 650 < T, < 670°C. Diffraction patterns taken
from the LaygSry,Mn, ,0; films synthesized at Tg =
450-730°C suggest that, first, the films are crystaline
(as follows from Laue reflections observed in the pat-
terns for al diffraction angles) and, second, that, as T,
grows, the crystallographic phase states of the films
vary as

R(3c) — R(3c) + O(Pnma) — O(Pnma);

T, < 650°C Tg> 670°C

in other words, the single-phase rhombohedral struc-
ture R(3c) passes to the single-phase orthorhombic
phase O(Pnma) through the two-phase structure with
comparable amounts of the phases. Theintegral diffrac-
tion maximum intensities for the corresponding struc-
ture groups are shown in Fig. 2. The curve | = f(T) fluc-
tuates, which indicates the labile rearranging low-
coherence atomic structure of the LaygSry,Mn,; ,0;
two-phase (rhombohedral + orthorhombic) stateat T, =
650-670°C (Fig. 2, curves 2 init).

Phase state in the LaSrMnO films after laser
irradiation. The labile atomic order in the material
under study shows up after the UV (hw = 5 €V) laser
irradiation. In the films synthesized at high tempera-
tures (T, > 650°C), the structure does not change qual-
itatively. However, in the films grown at lower temper-
atures (T, < 600°C), which arein amore stressed state,
the laser irradiation splits the temperature domain of
existence of the single-phase rhombohedral structure
(450-600°C) into two two-phase domains with a
demarcation line near T, = 550°C (Fig. 2; curves 3, 4).
Below 550°C, the structure consists of the orthorhom-
bic matrix and rhombohedral clusters (basic reflections
from the O phase and diffuse maximafrom the R phase;
Fig. 1c). Conversely, above 550°C, the matrix is rhom-
bohedral, while the clusters are orthorhombic.

Thestressed state of theLaSrMnO atomic struc-
ture revealed from diffraction patterns. The distur-
bance of the atomic order in the crystalline structure
(appearing as ion displacements from “zero” lattice
sites) is accompanied by the enhancement of the inten-
Sity lincon Of X-ray incoherent scattering. This follows
from Fig. 3, which shows the |;,.,, maxima near T, =
550 and 670°C. This pattern agrees with findings in
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Fig. 1. Typica diffraction patterns from Lag gSrg oMny 503
films synthesized at different temperatures Tg. (&) 450—

600°C (rhombohedral phase R3c), (b) 650-670°C (rhombo-
hedral R3c + orthorhombic Pn3m two-phase region),
(c) 700-730°C (orthorhombic phase Pn3m), and (d) 450—
550°C with irradiation (phase Pn3m with R3c clusters).

[9, 10] and indicates that the system becomes disor-
dered before it acquires a new stable atomic order.

As for “near-zero” ion displacements, one should
bear in mind that the resulting directions of the dis-
placements are nonzero on average. They remain sig-
nificant, reflecting the presence of either tensile or com-
pression stresses in the material, which alternate as the
synthesis temperature T, grows. This follows from the
oscillating T, dependences of the interplanar spacing d
(Fig. 4). The dependences were calculated (by the
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Fig. 2. Integral intensities of X-ray coherent scattering from
the Lag Srg oMny 503 films grown at different Tqfor (2, 3)

orthorhombic and (1, 4) rhombohedral phases. Curves3 and
4 are taken after the laser irradiation.

Bragg formula 2dsin@ = nA) for the principal maxi-
mum from diffraction angles 6 found experimentally.
The discrepancy between the experimental and tabu-
lated values of d for the Gd;GasO,, substrate (curve 1)
in the R range (T < 650°C) varies between +0.08 and
-0.04 A (or +2.94 and —1.47%) relative to d(202) =
2.72 A. In the O range (T, > 650°C), the value of d
approaches 2.80 A, which corresponds to { 020} planes
of the orthorhombic phase. Note that this group of O
planes differs from the {412} planes identified at T, <
650°C (Fig. 1, curve 1). On the crystallographic order
scale, a distortion of 2% is very large. For example,
studies [11] on the formation of new phase nucle
showed that if the radii of neighboring atoms differ by
lessthan 2%, the nuclei are spherical, and when the dif-
ference exceeds 2%, the nuclei grow flat; that is, the
shape of growing (isotropic or anisotropic) phasegrains
changes qualitatively. In our samples, as T; rises, the
rhombohedral-to-orthorhombic phase transition takes
place, which agrees with the hierarchical order
observed in the evolution of the perovskite-like struc-
ture: from more distorted to less distorted, i.e., from
lower symmetry R3c to higher symmetry Pnma.

Theeffect of laser irradiation on the dependence
d = f(Ty. Asfollows from Fig. 4, the laser irradiation
does not change the periodic run of the dependence
d(Ty) but invertsit relative to the dependence for the as-
grown sample (cf. curves 1, 2). This means that the
laser energy shifts the periodic variation of elastic
stresses in the LaSrMnO structure with T, leaving it
basically the same. That is, laser irradiation may favor
(accelerate) structure modifications without radically
changing the material properties. Thisis confirmed by
Fig. 3, which demonstrates the phase states in the as-
grown and irradiated material.

SAMOILENKO et al.

Lincon» arb. units
9000

8000
7000 &5
6000
5000 |-
4000 |- /
30004
2000 |-
1000 |-

-/
--+2

> > |

N
|4

1 ]
700 730
T, °C

0 1 1 1 L 1
450 500 550 600 650 670

Fig. 3. Integral intensity of X-ray noncoherent scattering vs.
synthesis temperature Tg for the (1) as-grown and (2) irradi-
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The effect of the substrates on the dependence
d=1(Ty). Comparing curves 1, 3,and4inFig. 4, we see
that the SrLaGaO,, Nd;Ga;0;,, and Gd;Gas;0;, sub-
strates have both a similar and different effect on the
dependence d = f(Ty). The similar effect is that the
curves oscillate synchronously (in phase) at T, < 600°C,
i.e, in the range where the rhombohedral phase of
LaSrMnO forms. For the films synthesized at T, >
600°C, the difference between the curves becomes
noticeable and the curve for the SrLaGaO, substrate
runs in antiphase to the others.

At high synthesis temperatures (T, > 600°C), the
curvestend to saturate (the sinusoidal variation changes
to tangential). This change is of principal character,
indicating qualitative modifications in the LaSrMnO
atomic and electron configurations; namely, it means
that inthe structurally unstablelattice (sinusoidal run of
the curves d = f(Ty)), large stable clusters embedded in
the matrix arise. These clusters generate long-range
forces that are proportional to [9]

r " Coos(2ke [T + &),

where m= 1-3, ¢ isthe phase, and the vector 2k con-
nects Fermi surface areas with the normals paralel to
the radius vector r.

The formation of waves reduces the el ectron energy
of the system, and its heterogeneous state becomes sta-
ble. In our material, the heterogeneous state impliesthe
presence of mesoscopic-size (<100 A) clusters
bounded by {001} planes, because oxygen anions inter-
act mostly with one of the metalsin LaSrMnO (diffuse
maxima{00l} in Fig. 1c).

Among {hkl} clusters, of most interest are those
reflecting Mn—O interactions in the perovskite lattice,
which areresponsiblefor the LaSrMnO conducting and
magnetic properties. According to the experimental
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Fig. 4. Interplanar spacingsd corresponding to the principal
diffraction maximum vs. synthesis temperature Tg for

the Lao_6sro_2Mn1_203 films on (1, 2) Gd3Ga5012,
(3) Nd3Gas045, and (4) SrLaGaO, substrates. Curve 2 is
obtained after irradiation by the KrF laser.

values of d, these are (400) clusters in the rhombohe-
dral phase and (202), and (004), clustersin the orthor-
hombic phase. Let us trace their temperature behavior.
Having measured the integral intensities |, of al the
diffraction reflections and separated out the above-
mentioned diffuse maximal,, of the metallic phase, we
estimated its concentration C,, = 1/, With an accu-
racy of £0.05C,, (Fig. 5, curve 1). It is noteworthy that
Cn < 12% (at T; < 600°C) and C,,, > 12% (at Tg =
650°C). This difference reflects the qualitative change
in the physical properties that are sensitive to the con-
centration of metallic granules in the insulating matrix
(inhomogeneity of this type is assumed to be responsi-
ble for the conducting and magnetic properties of mate-
rials like those considered in this paper [1]). The value
Cn = 12% is near the percolation threshold [9, 12],
when charge carriers may travel along a continuous
channel through metallic regions in an inhomogeneous
medium and the internal energy of the system is
reduced.

For the samples grown at T, = 650 and 670°C, the
experimental concentration of the clusters is below
12%; namely, C,,, = 10.8 and 8.6%, respectively. At the
sametime, the metallic cluster sizes calculated from the
widths of the diffuse maxima ((400)r, (202),, and
(004),) by the Kitaigorodsky technique vary insignifi-
cantly (as in [8]), fluctuating about 100 A (see inset
toFig. 5). This means that the concentration C,, of
metallic clusters, rather than their size, governs the
variation of the LaSrMnO properties with T,. Such a
conclusion is in line with the concepts of the percola
tion theory [12].
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Fig. 5. Concentration C,,, of the metallic phase determined
from the diffraction patterns from the Lag gSrgoMny 503
films on Gd;GagO,,, at different temperatures Tq (1) before

and (2) after laser irradiation. The inset shows the sizes of
the metallic clusters (1) before and (2) after the irradiation.

Optical transmission spectra. Two typesof spectra
are observed (Fig. 6). For the films synthesized at T, <
600°C, which have arhombohedral structure, the trans-
parency in the long-wavelength (w < 2 €V) range is
high. In this range, two closely spaced maxima with a
minimum at 2w = 0.9-1.1 €V in between are observed.
The regions associated with absorption by free carriers
a #w < 0.8 eV indicate the presence of the metalic
clusters. Their concentration C,, is conveniently esti-
mated from the relationship

1/t [dt/d(Aw) OC,p,

where p isthe hole concentration [13].

In the films synthesized at T < 600°C, the cluster
concentration thus estimated equals 2-5% [14] in
accordance with the experimental datain Fig. 5.

The samples synthesized at T, > 600°C are less
transparent. Unlike the former samples, for which
transmission spectra are well known [15], they have a
minimum near 4w = 1.5 eV and a maximum whose
position varies between 1.7 and 2.2 €V from sample to
sample. According to the concepts concerning the ori-
gin of optical spectra from manganites [15], the varia-
tion of the transmission t with 2w for ~Aw < 1.5 eV and
>1.5 eV is related to intraband and interband transi-
tions, respectively. For iiw > 2.2 eV, the density of
states involved in absorption significantly grows and
the transmission drops rapidly with increasing w.

The effect of the substrate on the spectrais observed
only in the critical temperature range. The inset to
Fig. 6 shows the spectra taken from the films grown on
different substrates at T, = 600°C. It is seen that the
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Fig. 7. Temperature dependences of the resistivity of the
LaggSrgo,Mny ;03 films synthesized at different T

(2) p(T) =const at T < T (thefilm grown at Tg=550°C on
the Gd3Gas0,, substrate), (2) the same as (1) after the laser
irradiation (30 pulseswith an energy density of 0.15 J/cmz),

(3) p(T) has a peak near the Curie temperature (the film
grown at Tg = 730°C on the SrLaGaO, substrate), and

(4) the same as (3) measured in amagnetic field of 3.8 kG.

spectrum from the film grown on Nd;GasO,, can obvi-
ously be assigned to the spectra of the first type, while
the spectrum from the film on SrLaGaO, can be
assigned to the spectra of the second type. This agrees
with the datain Fig. 4.

After the laser irradiation, changes in the spectra
follow those in the structure: the rhombohedral phase
(low Ty loses transparency, becoming orthorhombic,
while the spectra from the orthorhombic phase change
insignificantly because of its stability.

Electrical conductivity. The qualitative modifica-
tions observed in the LaSrMnO films as the synthesis
temperature T, grows al so affect the temperature depen-
dence of the resistivity p(T). For the samples grown at
T, < 600°C, the dependence p(T) istypical of semicon-
ductors or insulators in the temperature range between
Tei = 250 K and room temperature (Fig. 7, curve 1).
Below T, the curve exhibits a plateau with p(T) =
const. The laser irradiation, which causes the phase
transition, reducesthe resistance by three or four orders
(Fig. 7, curve 2). Also, for T between 4.2 and 100 K
(where the resistivity of the as-grown samplesis con-
stant), the resistivity of the samples irradiated grows
with decreasing temperature approximately by a factor
of 1.5.

Plateaus in the curves p(T) for manganites of vari-
ous composition have been observed earlier [5, 14, 16—
22]. The origin of these portions has been discussed in
[5, 14, 16-18]. In[5], this effect is related to magnetic
ordering in the films below the Néel temperature. This
effect was also observed in Y BaCuO, where small clus-
ters of metalic conductivity are embedded in an insu-
lating matrix [8, 14, 19]. With thisin mind, it has been
inferred that the plateaus are due to el astic electron tun-
neling between the clusters, which turn into quantum
dots with a discrete energy spectrum at low tempera-
tures. Thisisindirectly corroborated in [16], where the
curves p(T) taken from high-p insulating films with
nanometer ferromagnetic inclusions exhibited portions
with p(T) = const.

For the films obtained at high temperatures (T =
650°C), the curve p(T) has a maximum p,,,, near the
Curietemperature (Fig. 7, curve 3). This maximum was
also observed in [20, 21], where the “semiconductor”
run (dp/dT < Q) changesto the “metallic” run (dp/dT >
0). In the latter case, however, the similarity isformal.
In fact, in our films, the range where the resitivity
peaks lies between 0.2 and 1.5 Q cm. The associated
values of the conductivity o vary between 5 and
0.7 Q1 cm?, which is much lower than the minimal
metallic conductivity, which is determined by the for-
mula[22]

o = ﬂ_ez[ET
™ 4zhal Vol
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zis the coordination number, a is the spacing between
impurity centers, V, is the random potential amplitude,
and B is the band width.

For Lay gSrg.Mn, ;05 films, the value of o,;, must

be no less than 100 Q* cm?, which agrees with esti-
mates made in [23]. Since the conductivity of such sys-
tems is related to d orbitals, its value is expected to
approach 1000 Q* cm™ [22]. Even if one takes into
account that the samples are heavily inhomogeneous
and that the insulator—metal transition is of percolation
character, the mean possible conductivity near the per-
colation threshold is one or two orders of magnitude
lower than the value of o,,;,, expected. The most plausi-
ble explanation for the dependence p(T) observed in the
low-temperature range appears to be the hypothesis
that, in ahighly inhomogeneous medium, the hole edge
of the mobility shifts relative to the Fermi level under
magnetic ordering conditions [24].

The drastic decrease in the resistivity in the magnet-
ically ordered state is associated with a decrease in the
energy of activation (the material remainsin the dielec-
tric state). An external magnetic field facilitates the
motion of charge carriers in the magnetic excitation
“environment” [24]. Under such conditions, the resis-
tivity of the samplesin a magnetic field must decrease,
which isthe casein the experiments (Fig. 7, curve 4).

To conclude, we will discuss the correlation
between the electrical properties and structure of the
films. Asfollows from the X-ray diffraction data, in the
samples synthesized at T, = 650 and 670°C, C, isless
than 12% (between 8.6 and 10.8%), i.e., below the per-
colation threshold. In spite of this, for T, < 230 K, the
dependences p(T) exhibit apronounced metallic behav-
ior near the maximum of p (p = 1.0-1.5 Q cm). These
values are at least one or two orders of magnitude
higher than those corresponding to the minimum of the
metallic conductivity (p = 103102 Q cm). According
to today’s concepts, a decrease in the LaSrMnO resis-
tivity is due to magnetic ordering in the material. Since
thistakesplaceat C,, < 12%, it is obviousthat magnetic
ordering occurs at metallic (ferromagnetic) phase con-
centrations below the percolation threshold. The mag-
netically ordered state is the result of the enhanced
interaction between crystalographically similar clus-
ters (bounded by {004} planesin our case). The metal-
lic behavior of the dependence p(T) is observed when a
continuous channel through metallic regions between
the electrodes is still absent and the electrical conduc-
tivity of the films is limited by carrier tunneling
between isolated but already numerous regions of
metallic conductivity. Insulating spacers make a major
contribution to the resistivity.

CONCLUSIONS

Our results show that phase transitions take placein
local areas (clusters) of LaSrMnO solid solution, which
may show themselves as quantum dots at low tempera-
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tures. Schematically, the phase transitions can be
described as follows.

(1) As the synthesis temperature grows (T, =
650°C), elastic stresses and diffusion initiatethe R —
O phase transition.

(2) Strains cause electronic density redistribution
and the local (in the clusters) insulator—-metal (T, <
600°C, the basic phase R(3c) phase transition. At low
temperatures, the clusters turn into a set of tunnel-cou-
pled quantum dots with p(T) = const.

(3) The reconfiguration of the lattice and electronic
subsystems results in the paramagnet—ferromagnet
(T, > 600°C, the basic phase is the O phase Pnma) tran-
sition with p(T) = pe NEar the Curie temperature.

(4) The metallic behavior of p(T) in the LaSrMnO
films studied in this paper (T, > 600°C) is unrelated to
the transition to the metallic state. It is observed when
fluctuations are suppressed and the material becomes
structurally and magnetically ordered. Under these
conditions, the percolation threshold changes and the
resistivity diminishes with decreasing temperature.
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Abstract—The effect of laser irradiation with hv = 1.96 eV (A = 0.63 um) on the properties of titanium-silicon
contacts subjected to steady-state thermal annealing in a nitrogen atmosphere is studied. It is found that treat-
ment-induced changesin the phase composition of the contact modify its electrophysical parameters. The appli-
cability of laser irradiation to the formation of rectifying titanium-silicon junctions with desired parametersis

demonstrated. © 2003 MAIK “ Nauka/Interperiodica” .

INTRODUCTION

Refractory metalsand their silicides are widely used
in microelectronics due to their thermodynamic and
electrophysical properties, aswell astheir high-temper-
ature stability. Modern science and technology require
new materials with a particular set of physicochemical
properties. In this context, nitrides, compounds of met-
als with nitrogen, hold much promise for microelec-
tronics. Nitrides offer high hardness, high electrical
conductivity, and a high melting point. The supercon-
ducting-transition temperature in these compounds is
also comparatively high. One method for producing
nitridefilmsis steady-state thermal annealing in anitro-
gen atmosphere, which, however, is usually accompa-
nied by oxidation. To prevent the oxidation, the anneal -
ing is combined with the irradiation of films by elec-
trons of given energies|1, 2]. Recently, much attention
has been drawn to nonthermal processes that occur in
thin metal films that are ssimultaneously subjected to
thermal treatment and photon irradiation. The photon
energy governs the structure, phase composition, and,
as a consequence, electrophysical properties of the
resulting films[3-5].

In this study, we consider phase transformations and
changes in the electrophysical parameters of titanium—
silicon compositions subjected to thermal annealing in
nitrogen in combination with laser irradiation by pho-
tonswith an energy hv = 1.96 €V.

EXPERIMENTAL

Titanium filmswith athickness of 100 nm were pre-
pared by electron-beam deposition at a pressure of 3 x
10-° Paon Si(111) n-type substrates at atemperature of
100°C. Wafers were pretreated according to the method
described in [6]. The films deposited were fine-grained

polycrystalline with an average grain size ranging from
15to 20 nm (Fig. 1a).

The structures thus obtained were scribed into 5 x
5-mm chips, which were placed into a VUP-4 vacuum
chamber, where they were ssmultaneously heat-treated
in the nitrogen atmosphere and irradiated by an LGN-
215 laser with A = 0.63 pm. The annealing was carried
out at atemperature of 500°C for 1, 5, 15, and 30 min.
The laser power was continuously monitored by an
IMO-2 power meter and was kept at 55 mwW throughout
the experiment. Extra-pure-grade nitrogen was frozen
out before entering the working chamber. According to
our preliminary studies, the annealing at T = 500°C is
of most interest. At T < 500°C, phase transformationsin
the Ti—Si structure are insignificant; at T > 500°C, the
film oxidizes, and the processes of oxidation and nitri-
dation are hard to study.

The electron microscopic and electron diffraction
analysis of the samples was carried out with a JEM-
200CX electron microscope; they were also examined
by ESCA. Electron diffraction patterns were inter-
preted using relevant original studiesand ASTM tables.
The Schottky barrier height was determined from the
|-V characteristics as described in [7]. The area of the
Ti—-Si contact was 0.7 mm?.

In the absence of laser irradiation, the therma
annealing of the titanium-silicon contacts in a vacuum
resultsin the formation of titanium oxide Ti;Os or tita-
nium silicide TiSi depending on the time of treatment
(Table 1, Fig. 1b). Lower titanium oxide forms when
titanium combines with oxygen adsorbed on the film
during the deposition. According to the data listed in
Table 1, titanium reflections that are present on diffrac-
tion patterns taken of the samples annealed for 1 min
disappear with an increase in the annealing time. Such
a behavior is associated with the relationship between

1063-7842/03/4802-0257$24.00 © 2003 MAIK “Nauka/Interperiodica’
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Fig. 1. Electron diffraction patterns from the titanium-sili-
con compound. (a) Therma annealing a T = 500°C for
1 min, (b) thermal annealing for 15 min, (c) thermal anneal-
ing in extra-pure-grade nitrogen, and (d) annealing com-
bined with laser irradiation (A = 0.63 pym, E = 55 mW) inthe
nitrogen.

the rates of Ti—Si interaction and Si oxidation. Reflec-
tions from titanium silicide are observed on diffraction
patterns taken after the annealing of the Ti—-Si structure
for 1 =5-30 min. Thesilicide formation is governed by
the diffusion of silicon to the surface and its subsequent
interaction with the titanium film. It should be noted
that reflections from titanium silicide are particularly
intense for T = 15 and 30 min.

The phase composition of the Ti—Si contact changes
under the combined action of therma annealing in a
vacuum (5 x 107 Pa) and laser irradiation with A =
0.63 um and E = 55 mW. After annealing for 1 min, the

NUPRIENOK, SHIBKO

diffraction patterns show reflections from only the ini-
tial phase (titanium). For annealing times of 5-30 min,
reflections due to titanium oxide Ti;O (the ordered
solution of oxygen in titanium) and titanium silicide
TiS arise (Table 2).

Along with the reflections from the titanium oxides
and silicide, the annealing of the contact in the atmo-
sphere of extra-pure-grade nitrogen givesrise to reflec-
tions from titanium nitrides (Table 3, Fig. 1c). In partic-
ular, annealing for 1 min causes reflections from lower
oxideTi;Os, initial titanium, and metal-enriched nitride
Ti,N, whereas an increase in the annealing time to
5 min givesriseto reflectionsfrom titanium silicide and
nitride (TiN). When the annealing time rises to 15—
30 min, extrareflectionsfrom higher oxide TiO, (rutile)
also appear on the diffraction patterns.

Special features of metal—nitrogen interaction, the
kinetics of saturation by nitrogen, aswell astherelation
between the nitride layer thickness, amount of absorbed
nitrogen, and nitridation time are described in [8]. The
nitridation mechanism generally involves diffusion
mass transfer of nitrogen into ametal and the formation
of the solid solution. Conventiona heterodiffusion
transforms into reaction diffusion with the formation of
nitrides. The nitride formation is limited either by the
rate of the reaction itself or by the diffusion masstrans-
fer of nitrogen through the already formed nitride layer
[9-11]. Analysis showsthat the rate of titanium interac-
tion with nitrogen is considerably lower than that of the
interaction with oxygen. This is due to the fact that, at
a fixed temperature, the rate of oxygen absorption by
titanium is seven times that of nitrogen absorption. The
key to this effect evidently liesin the atomic configura:
tion. An oxygen atom has the s°p* configuration and
tends to complete it to s°p°. A nitrogen atom with the
s?p2 configuration tends either to complete s?p® shellsor
to lose an electron, taking the sp® configuration. This
circumstance also slows down the diffusion of nitrogen
as compared with oxygen [10]. Therefore, if thereisa
tendency toward surface oxidation, an increase in the
oxygen content makes nitridation difficult. When com-
bined with metals, nitrogen may either accept their
electronsor donateits own electron to form the energet-
icaly stable sp° or sp® configuration, respectively. In
the former case, the resulting compounds feature pro-
nounced ionic bonding; in thelatter, bonds are typicaly
metallic with a greater or lesser share of covalent
bonds.

It is known that, under certain conditions, d transi-
tion Group-1V metals (Ti, Zr, Hf) and Group-V metals
(V, Nb, Ta) readily interact with molecular nitrogen to
produce nitrides. The temperature coefficient of transi-
tion metal nitride formation ranges from 25 to
35 kcal/mol [12].

Thermal annealing in nitrogen in combination with
0.63-um laser irradiation (hv = 1.96 eV) with a power
of 55 mW modifies significantly the phase composition
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Table 1. Phase composition of the Ti—-Si contact after thermal
annealing a T = 500°C
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Table 2. Phase composition of the Ti—Si contact after ther-
mal annealing at T = 500°C combined with laser irradiation
with A = 0.63 um and E = 55 mW

T, min

d, A

1 5 15 30
354 TizOs TizOs TizOs TizOsg
3.14 TizOg TizO5 TizO5 TizO5
2.69 - TiS TiS TiS
2.68 TizOg TizO5 TizO5 TizOs
244 - TiSi TiSi TiS
2.35 Ti - - -
2.34 - TiS TiS TiS
2.24 Ti - - -
2.19 - TiS TiS TiS
173 Ti - - -
1.48 Ti - - -

Note: d, interplanar spacing; T, annealing time.

Table 3. Phase composition of the Ti—Si contact after thermal

annealing at T = 500°C in extra-pure-grade nitrogen

T, min

d, A

1 5 15 30
3.54 TizOg Ti3Os Ti3O5 Ti3O05
3.28 - - TiO, TiO,
3.24 - - TiO, TiO,
3.14 TizOq TizO5 TizO5 TizOq
2.69 Ti - - -
2.68 TizOq TizO5 TizO5 Ti3O0s5
2.56 - TiS TiSi TiSi
2.48 - TiN TiN TiN
244 - TiS TiS TiS
2.34 Ti - - -
2.32 Ti,N Ti,N Ti,N Ti,N
2.25 Ti,N Ti,N Ti,N Ti,N
2.24 Ti - - -
2.19 - TiSi TiSi TiSi
2.16 - - TiO, TiO,
2.09 - TiN TiN TiN
1.76 Ti,N Ti,N Ti,N Ti,N
1.47 - TiN TiN TiN

of the titanium—silicon contact. It is seen from Table 4
that short-term annealing (1 and 5 min) suppresses oxi-
dation and nitridation. An increase in the annealing
time to T = 15 and 30 min results in the formation of
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T, min

d, A

1 5 15 30
2.69 - TiSi TiSi TiSi
244 - TiS TiS TiS
2.39 - TizO TizO TizO
2.35 Ti - - -
2.34 - TiS TiS TiS
2.24 Ti - - -
2.19 - TiS TiSi TiSi
217 - TizO TizO TizO
173 Ti - - -
1.68 - TizO TizO TizO
1.48 Ti - - -
142 - TizO TizO TizO

Table 4. Phase composition of the Ti—Si contact after thermal
annealing at T = 500°C combined with laser irradiation with
A =0.63 um and E = 55 mW in extra-pure-grade nitrogen

T, min

d A

1 5 15 30
3.28 - - TiO, TiO,
3.24 - - TiO, TiO,
271 - Ti,0O5 Ti,O5 -
2.69 - TiSi TiSi TiS
2.56 Ti Ti - -
2.48 - - - TiN
244 - TiSi TiSi TiS
2.34 Ti Ti - -
2.33 - TizO TizO TizO
2.32 - - Ti,N Ti,N
2.25 - - Ti,N Ti,N
2.24 Ti Ti - -
2.19 - TiSi TiSi TiS
2.18 - TizO Tiz;O TizO
2.16 - - TiO, TiO,
2.09 - - - TiN
176 - - Ti,N Ti,N
1.70 - Ti,0O5 Ti,O5 -
147 - - - TiN

TiN (Fig. 1d) and Ti,N, respectively. The absence of
lower high-oxygen oxide Ti;Os and titanium nitrides
after annealing for 1 and 5 min can be attributed to the
fact that the irradiation of the composition being
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Table 5. Electrophysical parameters of the titanium—silicon
contact

T, °C T, min ¢, eV u,Vv n
As-prepared 0.55 6 117
sample

After thermal annealing
500 1 0.56 7 1.16
5 0.56 8 1.16
15 0.56 9 1.16
30 0.57 15 112
After thermal annealing combined
with laser irradiation
500 1 0.56 8 1.16
5 0.56 8 1.16
15 0.56 9 1.09
30 0.57 12 1.07
After thermal annealing
in extra-pure-grade nitrogen
500 1 0.54 8 117
5 0.54 8 117
15 0.53 10 1.18
30 0.52 12 119
After thermal annealing combined with laser
irradiation in extra-pure-grade nitrogen

500 1 0.56 8 1.16

5 0.56 8 1.16
15 0.56 10 117
30 0.54 12 1.18

Note: ¢ isthe Schottky barrier height; U, breakdown voltage; and
n, ideality coefficient.

annealed by 1.96-eV photons suppresses (at a certain
photon flux density) oxidation and nitridation and the
dissolved oxygen and nitrogen become chemically
inactive [13]. For the complete suppression of oxida
tion and nitridation in the titanium-—silicon contact dur-
ing heat treatment in a nitrogen atmosphere, the output
of 0.63-um laser radiation (photonswith hv = 1.96 €V)
should beincreased in order to passivate M—O and M—
N bonds and thereby prevent the interaction of oxygen
and nitrogen with the contact surface (titanium film)
during the annealing. The electron diffraction and
ESCA data correlate.

The change in the phase composition of Ti—Si
entailsachangein the electrophysical parameters of the
contact. The |-V characteristic of the as-prepared con-
tact was asymmetric with a breakdown voltage of 6V,
which indicates the presence of silicon dioxide SiO,
between the silicon substrate and titanium film. The
electrophysical parameters of the contact after various
treatments are summarized in Table 5. The annealing
decreases the concentration of defectsin the insulating

NUPRIENOK, SHIBKO

SO, film at the metal—silicon interface. The diffusion
of oxygen thickenstheinsulating layer, asevidenced by
the increase in the breakdown voltage. The Schottky
barrier grows after thermal annealing in a vacuum and
diminishes after annealing in a nitrogen atmosphere.
The treatment alters the density of surface statesin the
silicon at the metal—silicon interface, thereby changing
the barrier height. The |-V characteristics of the contact
were characterized by the ideality coefficient n, which
was estimated from the experimental dependences [7]
(Table5). Itisdemonstrated that the ideality coefficient
decreases with increasing vacuum annealing time and
grows after annealing in nitrogen. This is associated
with the modification of the electrophysical parameters
of the oxide layer at the interface and with a treatment-
induced change in the concentration of electron traps.
Therefore, the electrophysical parameters of the tita-
nium-silicon contact are sensitive to its phase compo-
sition, the formation of titanium nitrides and oxides,
and the variation of the interface constituents. The ini-
tid Ti/SIO,/Si interface transforms into Ti,O/TiS,
Ti, Oy, TipN, or TiSI/SIO,/Si depending on the type of
treatment.

Thus, it is demonstrated that the combined process-
ing of the titanium—silicon composition in nitrogen
makes it possible to form a rectifying contact with a
given phase composition and, as a consequence, with a
given set of electrophysical properties.
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Abstract—A vacuum deposition method for producing SiO,[FFe[ tomposite metal-dielectric filmsin which the
metal concentration in the SiO, dielectric matrix varies across thicknessis described. The reflection and trans-
mission of the filmsin the 2-12 um IR spectral range are studied and their optical properties are simulated.
In the temperature range 283-390 K, the temperature-sensitive properties of the SiO,FelJfilms with a phase
volume ratio of 23% (Fe) : 77% (SiO) isinvestigated. For these films, the temperature coefficient of resistance
isfound. The feasibility of these films as a sensitive layer in microbolometers is demonstrated. © 2003 MAIK

“Nauka/Interperiodica” .

INTRODUCTION

In recent years, much attention has been concen-
trated on the design of small thermal imagers and IR
displays where the temperature-sensitive element is
made in the form of achain or array consisting of iden-
tical uncooled thermal radiation detectors (TRDs) [1].
Their basic advantage is the absence of a system for
cryogenic cooling, which significantly facilitates the
design of IR displays, reduces their weight and cost,
etc. In contrast to photon detectors, TRDs can operate
in awide IR spectral range, since their long-wave sen-
sitivity isunlimited. The family of TRDsincludes ther-
mocouples, bolometers, and acoustooptic and pyro-
electric detectors. Array bolometers are the easiest to
fabricate; therefore, they are fairly popular. Normally,
the sensitive element in a microbolometer consists of a
temperature-sensitive layer with a high value of the
temperature coefficient of resistance (TCR) and an
absorbing coating. As the temperature-sensitive layer,
VO, films [2, 3] or amorphous semiconductor films
[4, 5] are most often used. As the absorbing coating,
one can apply thin metal films (an absorption of =50%
in a wide spectral region) or multilayer structures for
which the resonant absorption may reach 90% in a cer-
tain spectral range.

However, these additional layers raise the heat
capacity of a microbolometer substantially and
adversely affect its performance. Therefore, searching
for materials that would combine the functions of tem-
perature-sensitive and absorbing layers seems to be
topical. It was shown earlier [6] that inhomogeneous
metal-dielectric films can offer a high absorption in the
IR range combined with elevated (in comparison with
metals) TCR values. This makes it possible to accom-

plish the absorption of IR radiation and the formation of
an electrical signal in asingle layer.

In this study, we investigate the optical and ther-
moresistive properties of inhomogeneous SiOFel]
metal-dielectric films. Experimental data for reflection
(R) and transmission (T) spectrafor thesefilms at wave-
lengths between 2 and 12 pm are reported. These spec-
tra are compared with those calculated in the effective-
medium approximation. In addition, the temperature
dependences of the film resistance (r) and TCR in the
interval from 283 to 390 K are presented.

EXPERIMENTAL

Sampleswere prepared by the method proposed ear-
lier to produce light-absorbing inhomogeneous SiO-
and Cr-based coatings [7]. Its basic ideais the thermal
coevaporation of a mixture of these materialsin a vac-
uum from asingle evaporator. In thiswork, amixture of
SiO and Fe powders was deposited on glass, pyrocer-
amic, and silicon substrates at a pressure of 2 x 10~ Pa.
The average metal-to-oxide mass ratio in a layer thus
obtained was roughly determined from the ratio of the
powder massesin the evaporator, and the distribution of
the components was specified by the evaporation
regime. Since SiO and Fe evaporate at different temper-
atures, it is possible to select such conditions for mix-
ture heating that would provide a desirable distribution
of the component concentrationsin the layer deposited.
For example, a gradual decrease in the temperature of
the evaporator leads to a continuous decrease in the
metal concentration in the vapor flux. Layers thus
obtained are composite SIO,[Feldfilms in which the
metal concentration in the dielectric matrix varies with
thickness. Note that the concentration of the meta is
maximal near the interface and minimum at the film
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surface. Such a distribution specifies the optical and
electrical properties of these inhomogeneous metal-
dielectric layers. The deposition process was controlled
by a calibrated quartz resonator. The thickness of the
films measured by a microinterferometer was found to
range between 2 and 3 pm.

Layers obtained by the thermal evaporation of sili-
con oxide under similar conditions had the composition
SiO,, where x = 1.2-1.3 [8]. Therefore, hereafter we
designate the films under consideration as SiO,Fell
The reflection and transmission spectrain the IR spec-
tral range were taken from the films deposited on
Si(100) substrates using an IKS-31 spectrometer. To
examine the temperature-sensitive properties (TCR and
resistance), we used the films deposited on the pyroce-
ramic substrates in a vacuum. Samples had the form of
aplanar chip of several square millimetersin area. On
the top of the chip, Mn—Ag contacts were deposited to
which thin wires were soldered. During the measure-
ments, the samples were placed in athermostat and the
bias current was chosen in such a way as to prevent
Joule heating.

EXPERIMENTAL RESULTS
AND DISCUSSION

Figures 1 and 2 show the measured spectral depen-
dences of R and T for 2.73-um-thick SIO,FelJfilms.
The powder mass ratio in the evaporator was 50 : 50,
which corresponded to a Fe-to-SIO volume ratio of
23:77. The deposition conditions provided a nonuni-
form distribution of the phasesin the film with the min-
imum concentration of the metal on its surface. Aswas
shown earlier [9], such a distribution ensures a low
reflectivity in a wide spectral region. As follows from
Fig. 2, in the entire spectral region considered, the film
is characterized by a low transmission (less than 1%).
Therefore, its absorptivity equals 1 — R. In the range of
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Fig. 1. Reflection spectrum of the SiO,[FelIgradient layer.
(m) Calculation and (@) experimental data.
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2-8.5 um, the absorptivity is about 90%. In the longer
wave range (8.5-12 um), thereflectivity rises and peaks
(32.5%) near 9.5 um. Such behavior of the reflection
spectrum is associated with the presence of the absorp-
tion band (typical of SiO,) due to the Si—O bond vibra-
tion mode [10]. This band is aso observed in the trans-
mission spectrum (Fig. 2). However, in this range, too,
the film has a high absorptivity, which ranges from 85
to 67.5%.

The simulation of the optical characteristics for
these layers in the IR region was performed using the
method [9] applied to the visible range. It was assumed
that a film deposited can be represented as a metal-
dielectric layer consisting of an oxide matrix with metal
inclusions whose concentration varies linearly across
the layer; the average volume concentration of the
metal is 23% (i.e., the same as in the evaporator). To
describe the optical constants (refractive index n and
absorption coefficient k) of such a composite, we used
the Bruggeman—L andauer theory of effective dielectric
function of statistical heterostructure [11, 12]. Since
there are no detailed experimental data for the optical
constants of SIQ, (for x = 1.2-1.3) in the IR region, we
applied the data for n and k of SiO [13] to the matrix.
For iron, n and k were taken from [14]. The spectral
dependences of n and k obtained for composites with
different Fe concentrations were used to simulate the
reflection and transmission of the film deposited. The
parameters R and T of an inhomogeneous layer were
calculated by applying the Abeles matrix theory, which
is stated for dielectric and inhomogeneous nonabsorb-
ing structuresin [15] and [16], respectively (for details
of the calculation technique, see [9]). Since the Fe dis-
tribution in the layer was not studied experimentally
and was specified by the deposition conditions, we cal-
culated R and T of the layer for different gradients of
the metal concentration, keeping the average concen-
tration constant. The discrepancy between the experi-

T
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Fig. 2. Transmission spectrum of the SiO,[Fel]gradient
layer (designations are the same asin Fig. 1).
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INHOMOGENEOUS SiO,[Fe[IMETAL-DIELECTRIC FILMS

mental and simulated spectrawas minimized by select-
ing the appropriate gradient.

Figures 1 and 2 show the optimum R and T spectra
calculated for the 2.73-um-thick gradient SiOOFel]
layer. These curves correspond to a linear increase in
theiron volumefractionin the layer from 42% (near the
interface) to 4% (on the layer surface). Agreement
between the calculated and experimental curvesis sat-
isfactory, indicating that the model of an inhomoge-
neous metal-dielectric layer is applicable in our case.
However, there are certain differences associated with
the approximations and simplifications used in the cal-
culations. First, the structure related to the vibrational
band in the simulated reflection spectrum shifts toward
the long-wave range as compared with the experiment.
Thisis because we used the optical datafor SIO rather
than for SIO,. As is known [10], the position of the
vibrational band maximum depends on the stoichio-
metric ratio and shifts toward the short-wave region
with increasing x, which is the case. In addition, the
bands are dlightly distorted, especialy in the transmis-
sion spectrum. It seems likely that SiO and Fe react in
the evaporator during the evaporation to form a certain
amount of iron silicides, which may alter the matrix
composition and cause extra bands in the IR region to
appear.

In general, when choosing amaterial for the temper-
ature-sensitive layer of amicrobolometer, we should be
guided by itsresistance, TCR, and specific heat [1]. The
investigation of the electrophysical properties of the
metal-dielectric films showed that their resigtivity
depends essentially on the composition. By varying the
metal content in the film, one can vary itsresistivity in
a very wide range from values typical of a dielectric
oxideto those of ametal. The resistance of the inhomo-
geneous layersis specified mainly by the region where
the metal concentration is maximal. However, it also
depends on the concentration gradient. A change in the
volume ratio between the conducting (Fe) and noncon-
ducting (SIO,) phases, aswell asthe particle size distri-
bution, significantly influences the TCR value [16].

To determine the TCR in the inhomogeneous
SiO,[Fedfilms, we recorded the temperature depen-
dences of their resistance r. Test samples were 0.8 x
2-mm chips on pyroceramic substrates. By varying the
metal content (the mean concentration was varied from
13 to 23 vol%) and setting the appropriate evaporation
conditions for the SiO—Fe mixture, we succeeded in
growing filmswith aTCR varying within (0.3-1.2)% K~
(at 293 K). The resistance of the chipswas from several
hundreds of ohms to several hundreds of kiloohms,
which fallsinto the interval of optimum resistances for
microbolometers [1]. The maximum TCR values were
observed for the highest resistivity samples.

For such samples, atypical temperature dependence
of the resistance r constructed in the Inr — T-* coordi-
nates is shown in Fig. 3. The results presented were
obtained for an inhomogeneous SiO, [Felfilm with the
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Fig. 3. Temperature dependences of the (®) resistance and
(m) TCR of the SiO,Felfilm measuring 0.8 mm x 2 mm x
2.73 um.

same parameters as in Figs. 1 and 2 (a thickness of
2.73 um and a mean Fe-to-SiO volume ratio of 23:77).
It is seen that the resistance drops with temperature
(i.e., the films have a negative TCR) and its room-tem-
perature vaue is equal to —0.47% K-, decreasing
dlightly with temperature (Fig. 3). The negative TCR
value is likely to be associated with the conduction
mechanism in these films (tunnel conduction through
percolation channelsas, for example, in Au-SiO cermet
films of similar composition, for which this mechanism
has been studied rather extensively [16, 17]).

CONCLUSION

Thus, using thermal evaporation in a vacuum, we
obtained inhomogeneous SiO,[FFell metal-dielectric
films, which are characterized by alow reflection coef-
ficient and high absorption coefficient in the near- and
mid-IR spectral ranges. The optical parameters of these
films are described by the model of the effective dielec-
tric function of a statistical oxide matrix—metal inclu-
sion heterosystem where the concentration of metal
inclusions across the film obeys alinear law. The elec-
trical resistance and TCR of the films, as well as their
optical properties, depend on the concentration of metal
inclusions and concentration gradient. In particular, for
films with the average component volume ratio
Fe: SIO = 23:77, the TCR equals —0.47% K- at room
temperature. Such inhomogeneous metal-dielectric
layers can be used in microbolometers as sensitive lay-
ers that combine IR radiation absorption and electrical
signal formation.
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Abstract—Electroluminescent sources of light based on plastically deformed ZnSe : Mn single crystals are
studied. It is shown that the emissivity of the el ectroluminescent sources depends on the manganese concentra-
tion and the part of aZnSe : Mn boule from which a plane-parallel wafer is cut. © 2003 MAIK “ Nauka/Inter-

periodica” .

It is known that zinc sulfide and zinc selenide are
widely used in fabricating electroluminescent sources
[1-3]. Among zinc sulfide and zinc selenide phosphors,
ZnS: Mn and ZnSe: Mn single crystals occupy an
important place. Waters for el ectroluminescent sources
are cut from single-crystal ZnSe: Mn boules [4]. To
increase the brightness of the source, 2 x 2 x 4-mm
wafers cut fromazZnSe: Mn (111) single-crystal boule
at an angle of 45° + 2° to the (111) plane are subjected
to uniaxial compression to produce plastic strains of 2—
5% [5].

Our studies have shown that the emissivity of alight
source thus prepared depends on the part of a single-
crystal ZnSe: Mn boule from which the wafer is cut.
The scatter in the brightness of the wafers cut from the
same single crystal with afixed plastic strain (€ = 5%)
and manganese concentration in the starting mixture
(=5 x 102 wt %) reaches 60% (when the brightness of
the wafers cut from the bottom and center parts are
compared) and 40% (for the wafers cut from the top
and center parts). For a manganese concentration of =5
x 102 wt % in the wafer, the scatter in the electrolumi-
nescence intensity between the wafers cut from the
same portions of a single-crystal boule was =20 and
8%, respectively. As will be shown below, the reason
for such a spread is the nonuniform distribution of the
manganese dopant along a single-crystal zinc selenide
boule grown from the melt under argon pressure.

The purpose of this work isto study conditions for
fabricating electroluminescent sources with optimum
brightness. To find reasons for the brightness scatter in
wafers cut from the same single-crystal boule, EPR
analysis of the manganese distribution along a single-
crystal ZnSe: Mn boule was carried out. The analysis
showed that, as a whole, the boule was doped nonuni-
formly. Initscentral part (about 70—75% of thelength),
the manganese distribution was found to be uniform. If
the concentration in this part is conventionally taken to
be 100%, then in the bottom part (up to 15% of the

length), which crystallizesfirst, the manganese concen-
tration decreases to about 50—70%. In the top part of the
boule (15% of the length), which isthelast to grow, the
manganese concentration is, on the contrary, higher,
rising to 130-150%. Such a distribution of the dopant
along a boule grown from the melt under argon pres-
sure could be expected, because single crystal growth
inthiscaseinvolvesthe same processesasin zonerefin-
ing of materials. As the solubility of an impurity in the
melt is higher than in the solid, at the initial stage of
growth, impurities present in the charge pass from the
solid phase to the melt zone. Consequently, the bottom
portion of the crystal (which crystallizes first) will con-
tain a lesser amount of impurity than the central por-
tion, which, in turn, will be less doped than the top por-
tion of the boule (which isthe last to grow).

It can be assumed that the effect of plastic deforma-
tion on the brightness depends on the manganese con-
centration in the samples. To check thisassumption, the
brightness of equally strained samples was studied as a
function of the manganese concentration. Samples
from the same lot and from different lots were studied.
The manganese concentration was determined by two
independent methods. EPR and chemical analysis. The
electroluminescence brightness and resistivity of the
equally strained ZnSe : Mn single crystals vs. the man-
ganese concentration in the samples are listed in the
table.

The results indicate that the emissivity of the work-
ing media prepared by the procedure described in [5]
varies with the manganese concentration. Since the ini-
tia brightness depends on the manganese concentra-
tion, thetableliststhe relative changesin the brightness
of the strained samples at afixed manganese concentra-
tion; i.e., the effect of the plastic strain on the brightness
is isolated. We plotted the el ectroluminescence bright-
nessfor afixed plastic strain versus manganese concen-
tration in the samples studied (see figure). The plot has
two regions: alinear one, where the brightness variesin

1063-7842/03/4802-0265%24.00 © 2003 MAIK “Nauka/Interperiodica’



266

BULANYT et al.

Electroluminescence brightness and resistivity of plastically strained ZnSe vs. the dopant (manganese) concentration

Plastic strain € = 5%

Mn concentration, wt % 102 5x 1072
B 1.1 x 102 0.9 x 10°
o 28x10° 4.2x 1077

10t 5x 1071 1 5
1.5 x 103 2.0x 108 35x10° 4.1x10°
75x 107 1.3x107 8.0x 1078 45x% 108

Note: Bistherelativeincrease in brightnessin the strained sample in comparison with the as-grown one and p is the relative decrease in
the resistivity of the strained sample in comparison with the as-grown one.

proportion to the concentration of manganese ions in
the working medium, and aregion of saturation, where
the brightness depends on the concentration of manga-
nese ions only dightly. The latter is observed at high
dopant concentrations.

In order to reduce the scatter in the brightness of the
plastically strained working media and also to pick out
the most efficient emitters, we set the lower limit of the
Mn ion concentration in the working medium at alevel
of 5 x 10 wt %. Starting from this concentration, the
linear portion of the e ectroluminescence-Mn the con-
centration curve changes to the saturation region.

At Mn concentrations>5 x 107t wt %, the brightness
curve of the plastically strained working media runs
nearly parallel to the concentration axis. This ensures a
high brightness with aminimum scatter from sampleto
sample.

B, arb. units
104

103

102

Lol
107! 10° 10!
Civins Wt %

10!
1072

Brightness of electroluminescent sources fabricated from
ZnS: Mn single-crystal wafers plastically strained to € =
5% vs. Mn concentration C. | is the region of the highest
brightness.

The upper boundary of the Mn ion concentration
equals 5wt %. Abovethisvalue of the activator concen-
tration, Mn ions in a single-crystal ZnSe boule do not
all represent substitutional or interstitial point centers,
because Mn precipitates either as an additional solid
phase (metallic manganese) or as the MnSe compound,
producing the ternary compound Zn,Mn, _,Se. Thefor-
mation of the additional solid phase depends strongly
on the single crystal growth conditions, chemical com-
position of the activator, and presence of coactivators.
Wafers containing solid precipitates of manganese or
its compounds are harder to be plastically strained.
Because of their inhomogeneity, they tend to crack dur-
ing the treatment; therefore, the sequence of operations
used in [5] may be inappropriate in this case.

Thus, the results obtained will help to produce
working media for electroluminescent sources with
maximum brightness, reproducible characteristics, and
alesser scatter from sample to sample.
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Abstract—L asing and discharge in mixtures of SFg with hydrogen and hydrocarbons are investigated. If the
chemical reaction isinitiated by a self-sustained discharge (a generator with both an inductive and capacitive
energy storage can be used), the maximum lasing efficiency is attained at high values of theratio E/p (where E
isthe electric field intensity and p is the pressure in the mixture) if shaped electrodes and preionization of the
discharge gap are employed. For the first time, the lasing efficiency obtained in a nonchain HF laser is as high
as 10% of the energy deposit and 4.5% of the stored energy for a specific radiation energy of =140 J/(I atm). At
high efficiencies, the emission spectrum of the nonchain HF laser significantly broadens and cascade lasing at
P(3-2) — P(2-1) — P(1-0) vibrational transitions for several rotational linesis realized. © 2003 MAIK

“Nauka/Interperiodica” .

(1) Interest in HF and DF lasers pumped by non-
chain chemical reactions that are initiated by single-
pulse and pulse—periodic self-sustained discharges is
related to their high output in the IR spectral range
[1-9]. However, the efficiency of an electric discharge
nonchain HF laser with respect to the stored energy is
usually no greater than 3-4%, and the specific radiation
energy is about 70 J(I atm). If a nonchain HF laser is
excited by an inductive-storage generator, the lasing
efficiency amountsto 5.5%, including at relatively high
specific energies (=1.7 kJ/(I atm)) [3, 7]. When a pump-
ing dischargeisinitiated by X raysat E/p exceeding the
static breakdown value, the lasing efficiency in mix-
tures with H, relative to the energy deposit is about 8%
at relatively low specific energies (about 0.2 kJ/(I atm)
without considering the pressure of buffer neon) [4].
Recently [7], we reported ahigh output energy of an HF
laser when using inductive energy storage and intense
preionization in mixtures with hydrocarbons and
hydrogen. We aso proposed the use of shaped elec-
trodes to maximize the output of such lasers.

In thiswork, we gained effective pumping of anon-
chain HF laser by using inductive and capacitive energy
storage. For the first time, the efficiency of an electric
discharge HF is as high as =10% of the energy deposit.
The specific radiation energy isabout 140 J/(I atm), and
the efficiency with respect to the stored energy is 4.5%.

(2) In experiments, we used an inductive-storage
laser and a semiconductor current interrupter described
in detail elsewhere [9]. The gap between 70-cm-long
shaped €electrodes was 2 or 3.8 cm. In both cases, the
lasing volume was 200 cm?®. Preionization by 72 spark
gaps evenly distributed on both sides of the anode

ensures the uniform irradiation of the cathode. The
value of peaking capacitors was 2.2 nF, and the storage
capacitance was decreased to 70 nF. The duration of a
discharge current pul se was about 100 ns. Theinductive
storage can easily be switched off. In this case, the
pumping pulse duration increased to 200 ns. Lasing
was studied in SFgpentane and SF—hydrogen mix-
tures at pressures ranging from 0.02 to 0.2 atm.

(3) The output of the laser with a 2-cm gap was ho
higher than 0.4 J both with and without the inductive
storage. The discharge was heavily inhomogeneous. |If
the inductive storage is switched off, discharge contrac-
tion may take placein 100 ns after gap breakdown.

The laser parameters were improved significantly
by extending the gap to 4 cm. With the capacitive stor-
age, the output exceeded 1.0 and 1.4 Jin the mixtures
with hydrogen and pentane, respectively, when the effi-
ciency with respect to the stored energy was 4.5% and
the specific energy approached 140 J/(I atm). Asin [7],
aresidual voltage was detected across the gap after the
termination of the current pulse. However, the use of
the shaped electrodes and uniform preionization of the
cathode prevented the secondary breakdown of the dis-
charge gap. The residual energy in the capacitor
evolved through the charging resistance for along time
(severa hundreds of microseconds).

With theinductive storage, the output was no greater
than 0.9 J because of the nonoptimal operation of the
current interrupter. We observed atotally homogeneous
discharge and many small bright spots on the cathode
(the overall pattern of the discharge glow was recorded
by adigital camera).
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Fig. 1. Voltage, current, and laser output waveformsat Ug =
(a) 22 and (b, ¢) 30kV for (a, b) capacitive and (c) inductive
pumping. SFg : CsHy, = 18 : 1 mixture, the pressure p =
0.05 atm.

Figure 1 shows the waveforms of voltage pulses,
discharge current, and HF laser output for various
working conditions. In the case of capacitive pumping,
the residual voltage increased with decreasing charge
voltage U, and the discharge was not initiated starting
from a certain voltage depending on the mixture com-
position and pressure (e.g., from U, = 19 kV for the
Sk : H, =36 4.5 torr mixture). Asin [3], we observed
a quasi-steady discharge with E/p = 125 V/(cm torr)
(Fig. 1a) at low U,. Upon current passage, the voltage
across the plasma decreased as the charge voltage grew
(Fig. 1b). Inthe case of inductive pumping, the residual
voltage was relatively low and virtually independent of
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the charge voltage. The inductive storage substantially
raised the breakdown voltage, providing a short current
pulse with an amplitude of up to 30 kA to form. In this
case, the energy was applied mainly at the trailing edge
of the voltage pulse when the electric field intensity is
high (Fig. 1c).

Figure 2 shows the dependences of the laser output
and efficiency (in terms of the energy deposit) on the
charge voltage for inductive and capacitive pumping. In
the capacitively pumped Sk : H, = 48 : 6 torr mixture,
lasing starts at a charge voltage of =26 kV. The maxi-
mum efficiency amounts to 11%. The increase in the
charge voltage significantly depresses the efficiency
with respect to the energy deposit, but the efficiency in
terms of the stored energy increases. As was mentioned
above, asthe charge voltage grows, the residua voltage
across the gap and the plasma voltage during the dis-
charge drop. For the inductive pumping of the same
mixture, lasing arises at acharge voltage of =20kV. The
maximum efficiency in terms of the energy deposit aso
reaches =11% in this case but remains amost
unchanged with the charge voltage increasing from 22
to 30 kV.

In the case of the capacitive generator, the maximum
efficiency is reached at relatively low current densities
and very low charge voltages. The voltage across the
gap decreases with increasing current density, which
reduces the efficiency in terms of the energy deposit. In
the case of pumping by an X-ray-initiated discharge
[4], the maximum efficiency in terms of the energy
deposit (8%) was also obtained at minimum energy
deposits. For each mixture, the appropriate energy
deposit was selected by varying the amplitude of the
voltage across the discharge gap. The energy deposited
into the discharge at the trailing edge of the voltage
pulse with high values of the ratio E/p in the laser gap
increases substantially if we use inductive pumping.
Under these conditions, high-efficiency pumping is
also possible at high energy deposits.

The spectral and temporal characteristics of the
radiation show that the spectrum of the HF laser in the
case of maximum efficiency is much broader than that
under conventional pumping conditions [1]. In the
spectrum of the high-efficiency laser, the number of
rotational lines for each of the vibrational transitions
P(3-2), P(2-1), and P(1-0) of the ground electron state
increases to 8-11, so that the total number of lines
reached 30. In addition, in this case, the powers at the
rotational lines of the above vibrational transitions are
nearly the same and sequential lasing at several rota
tiona lines of the vibrational transitions is observed.
Thetime—amplitude characteristics of lasing at individ-
ual rotationa linesindicate that the radiation of 6 —» 7,
7 — 8, and 8 — 9 rotational lines of the P(3-2)
vibrational transition contributes to the radiation of
7—8,8—9 and9 — 10 rotational lines of the
P(2-1) vibrational transition. Taken together, theselines
contribute to the radiation of 8 —= 9, 9 — 10, and
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Fig. 2. (1, 3) HF laser output and (2, 4) efficiency in terms
of the energy deposit versus the charge voltage for (1, 2)
capacitive and (3, 4) inductive pumping. SFg: H, =8: 1
mixture, the pressure p = 0.072 atm.

10 — 11 rotational lines of the P(1-0) vibrational
transition. The longest emission pulses are due to the
rotational lines of the P(1-0) vibrational transition.

(4) Thus, high efficiency (=10%) in terms of the
energy deposit can be provided by two pumping
regimes. In the case of capacitive pumping, the maxi-
mum efficiency isattained at the minimum possibledis-
charge-initiating voltage, when the residual voltage
after discharge quenching and the plasma voltage are
maximal during pumping. However, in this method, the
specific energy deposit and output are low. The laser
efficiency can be significantly increased using a gener-
ator built on aline with distributed parameters whose
impedance equals the plasma resistance during pump-

ing.
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In the case of inductive pumping, a high efficiency
is observed in a wide range of charge voltages and
energy deposits. Specifically, the specific laser energy
was increased to 4.5 JI (100 J(l atm)) at an efficiency
=10%.
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None of the available turbulence models derived
from the Navier—Stokes equations can be considered to
be sufficiently accurate. Therefore, comparing semi-
empirical turbulence models with experimental datais
of great importance. A Taylor—Couette flow between
two rotating coaxia cylinders is very convenient for
such a comparison. Here, we will consider the case
when theinner cylinder rotates and the outer cylinder is
at rest.

The basic parameters of such a flow are the Rey-
nolds number Re = Qa(b — a)/v and the dimensiona
moment of forces acting on the inner cylinder G =
T/(pv2L), where Q isthe angular velocity of rotation of
the inner cylinder, T is the moment of forces, p is the
density of the liquid, v is the molecular kinematic vis-
cosity, L isthe length of either cylinder, aisthe radius
of theinner cylinder, and b istheradius of the outer cyl-
inder.

It has been shown [1] that the relationship G 00 Re”
with a = 5/3, which was suggested in[2, 3], contradicts
experimental data. Agreement was reached by using the
Prandtl-K arman resistance law

:71_? = c,log(Re/f) +c,, (1)

where f = G/Re? and the constants ¢, and ¢, are related
to the Prandtl-Karman constants.

This law was deduced by joining together the loga-
rithmic profiles of the velocity in the middle of acylin-
drical channel. In [4], the relationship U;/U [ R€e* has
been suggested, where U is the friction speed on the
surface of the inner cylinder, U is the linear velocity of
rotation of theinner cylinder (U = aQ), and ¢ = —0.051
is the empirical parameter derived from experiments
[1]. The value of G was found by fitting data obtained

in the same experiments [1]. Eventually, the following
expression was derived:

302+ 58/2

G = c,Re +c,Re”T %, )

where ¢; =10.5and ¢, = 0.196.

Now we will show that logarithmic corrections
In(Re) make it impossible to find a power law for the
moment of forces. In [5], the Prandtl-Karman law of
resistance was deduced from the generalized model of
local balance

amquik (gt —1) "3y + ut gk In[CUX (b—a)] .
+ Uk In[Culy(b—a)/v] = V,+ Vi,
where Re=V,(b—-a)/v, g=bl/a, aand b arethe radii of

thecylinders, u?, and uj, arethefriction speedsonthe

inner and outer surfaces of the cylinders, Kk = 0.4 and
C = 9.5 are the Prandtl-Karman constants for the loga-
rithmic profile of the mean velocity, V; and V, are the
linear velocities of the oppositely rotating cylinders
(V, = 0 for the cylinder at rest), and

q
Jo = Idx{ xcosec[Ti(x" —1)/(q" = 1)]

-@' =)@ x-1)"-@ - @ a (@-x"}.
Using the well-known relationship for a Taylor—
Couette turbulent flow, u,b = u} a, and introducing

the dimensionless friction speed z = u},/V,, we obtain
an algebraic equation for z = z(Re):

4qnk(q* - 1) 3, + gk *In(CRez)

Y 4
+K g In(CRez/q) = g/z.
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If Re — o, z— 0 and we can derive an asymp-
totic expression for z = z(Re). First, we omit additive
constants. After straightforward rearrangements, we
obtain

k(q+qY)InRe+k(q+qh)In(2) = g/iz.  (5)
Second, we neglect the second term on the left of (5)
to cometo
- KQ
z= ———— 6
(q+g ) InRe ©)

It becomes obvious that the second omission is
valid, since

lim InInRe _
Re - o InRe

The first omission is also valid. Thus, we have

(7)

- K&

(1+q°)InRe

It is known [5] that the coefficient of resistance is

given by ¢; = 21z%(q — 1) and G = ¢;R€?. Final expres-
sions are those at Re —» oo:

(8)

2ni’q’
= , 9
T @) (- DA(InRe)’ ©

on’qg’  Re[f
(qf +1)°(q—1)?HnReJ”

These formulas contain the single empirical (Kar-
man) constant K = 0.4. This constant and also the loga-
rithmic factor (InRe)-2 differentiate them from those
derived in previous approaches. The table summarizes
the values of G,, (expression (10)), theoretical values

G =

(10)

TECHNICAL PHYSICS Vol. 48 No.2 2003

Experimental [1] and theoretical moments of forces G vs.
Reynolds number (inner cylinder rotates, outer cylinder is at
rest) for the ratio of the radii g = n = 0.724

Re Ge(pt Gtheor G
10* 5.0 x 10° 5.4 x 10° 35x10°
10° 3.0x10°8 3.3x10°8 2.3x108
108 1.5 x 10%° 2.2 x 10 1.6 x 10%°

Giheor (eXpression (4)), and associated experimental
data Gegy [1]. The empirical and theoretical depen-
dences are seen to be in fairly good agreement.

Clearly, the value Re = 10° is insufficiently high in
order for EQ. (3) to be replaced by its approximation
(10). However, one should bear in mind that Eq. (10)
merely follows from the model of turbulence. It is
believed that additional effort should be made to bridge
the gap between the direct numerical simulation of the
Navier—Stokes equations and cascade models of turbu-
lence used in [1] for comparison with experimental
data.
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Published data on the surface tension (ST) of alumi-
num range from 850 to 1100 mJ/m? (Fig. 1) [1, 2]. Val-
ues near the upper limit are considered overstated and
should be used with caution [2]. Indeed, if o is deter-
mined under conditions when the metal isin thermody-
namic equilibrium with its vapor, which is possible
only in small sealed chambers disconnected from a
pump (as arule, glass chambers), the resulting valueis
closer to the lower limit of thisinterval (Fig. 1, empty
circles). On the other hand, if ¢ is measured with mod-
ern setups under conditions of the continuous evacua-
tion of the chamber and detection of surface contamina-
tion by an electron spectrometer (Fig. 1, filled circles),
the thermodynamic equilibrium of the metal with its
vapor breaks and the ST values approach the upper
limit of the interval. Thus, the true ST of pure alumi-
num remains unclear.

Various factors that may influence the ST of metals
were the concern of [3]. The key one is the adsorption
of the residual gas components on the metal surface or
the adsorption relaxation of the as-prepared or cleaned
metal surface. The ST variation during surface relax-
ation under measurement conditions can be expressed
by the formula[3]

In[o(t) -] = In[o,-0] -, M

where g, and o, are the STs of the metal at the begin-
ning of, and within a sufficiently long time after, the
formation (or cleaning) of the surface, respectively, and
T, has the meaning of the time of surface adsorption
relaxation.

Let us apply Eq. (1) to experimental data in [4],
where the ST of aluminum was studied as a function of
the oxygen content on its surface. To do this, we
employ the time dependence of the coverage [5]

B(t) = 85(1—exp[-t/T]), )

where 6, corresponds to the case of equilibrium at a
given temperature and pressure.

Assuming that Egs. (1) and (2) are valid at small 6
(or t), expanding Eq. (2) in the Taylor series for small
times (t < 1,), and disregarding all the terms except the
linear one, we obtain

o(t) _ t
es ~T—r- (3)

Here, 6, should evidently be replaced by 6,, which is
the coverage at the time moment t,. Then, Egs. (1) and
(3) yield

In(0-0,)=(0y-0) - @

Expression (4) was used to process the experimental
dependence o = a(0) obtained in [4] for the aluminum
surface upon oxygen adsorption. Theresulting curve (4) is
presented in Fig. 2.

It is seen that the data points can be well approxi-
mated by a straight line, thus indicating the validity of
expression (4). Theinitia ST value of aluminum, g,
was determined from the intersection of straight line (4)
with the verticad axis and turned out to equal
1070 m¥m?. This vaue is in fairly good agreement
with the experimental values found by direct measure-

o, mJ/m>
1100 .. °
[ )
1000
o (o]

900F 7 % g o o °

C)I ° 6) ° C)I ° l * ?

1970 1980 1990 t, year

Fig. 1. Surfacetension of aluminum vs. the date of measure-
ment [2]. (O) As-prepared and (@) ion-cleaned surface.
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Fig. 2. Determination of og and 64 for aluminum from
data[4].

ments [4, 6]. When determining g,, we found that the
ST of aluminum varies during the adsorption relaxation
of the surface and, under the conditionsin [4], takesthe
value g, = 890 mJm? at the time moment t = 1,. From
the slope of straight line (4), the coverage 6, of the alu-
minum surface by oxygen was determined to be 0.24.
A further increase in 6 will evidently lower the ST and
lead to better agreement with experimental values of o
measured in sealed devices.

Thus, the ST value approaching 1100 mJm? [4, 6]
should be assigned to the as-prepared or cleaned alumi-
num surface that has not yet reached equilibrium with a
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residual gas in the camera. The value of about
860 mJm? is characteristic of the aluminum surface
that is in equilibrium with a residua gas, i.e, is par-
tially covered by gas molecules. The review [2] of
methods for determining the ST of aluminum suggests
that, with an advance in the experimental instruments
and methods, measured ST vaues increase and
approach the upper limit of the interval mentioned
above, i.e., come close to 1100 mJ/mZ.
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