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Abstract—Reflection of asolitary longitudinal strain wave (soliton) from the end face of anonlinearly elastic
rod isinvestigated theoretically and experimentally. It is shown that the wave reflected from the free end of the
rod has a reversed amplitude sign, which results in dispersion of the wave. If the end of the rod is fixed, the
reflected wave retains its polarity and properties of the incident solitary wave and propagates back to the input

end. © 2001 MAIK “ Nauka/lInterperiodica” .

INTRODUCTION

A solitonisalocalized long nonlinear quasi-steady-
state wave propagating either along the interface of two
media (a wave of elevation or an internal wave) or
inside awaveguide (adensity soliton). Such awave can
propagate over long distances and transfer energy with-
out distortion of the waveform. In a homogeneous iso-
tropic rod, the soliton propagates without distortion,
while in the presence of inhomogeneities, its form is
distorted. In particular, focusing of the wave may take
place, which is an increase of the amplitude of the sol-
itary strain wave accompanied by a decrease of its half-
width. This process can initiate regions of plasticity or
cracks in a waveguide. Hence, there is the practica
importance of investigating the properties of solitary
strain waves in solving the problems of the strength of
materials, nondestructive testing, and determining the
elastic properties of materials.

In our previous theoretical and experimental stud-
ies, we demonstrated the possibility of the propagation
of asolitary strain wave through a rod with a constant
cross section [1, 2], as well as wave focusing in a
tapered rod [3]. In the references cited here, the wave
processes were investigated apart from the waveguide
ends, which isin an infinite rod approximation. How-
ever, inreal designs, the finite sizes of the wave-guiding
components, as well as the way in which the compo-
nent are coupled with other parts of the unit, are impor-
tant. Therefore, it isimportant to study the reflection of
asolitary strain wave from the rod end face under vari-
ous fixation conditions.

THEORY OF REFLECTION OF A LONG
NONLINEAR STRAIN WAVE FROM THE END
FACE OF AN ELASTIC ROD

(1) For mulation of the problem and derivation of
the model equation. Consider a semi-infinite homoge-

neous isotropic rod of a nonlinearly elastic compress-
ible material in a system of cylindrical Lagrangian
coordinates (x, r, ¢) with the x axis coinciding with the
rod axis,and ¢ O [0, 2], 0<r <R, and —o < X< L,
where R and X are the rod radius and length, respec-
tively. With no rod torsion, the displacement vector of
the rod points is V = (u, w, 0). The basic equations
describing the evolution of nonlinear wavesin a strain-
less structure can be derived using the Hamilton varia-
tional principle

ty L R

oS = GJ'dt{ZnIderEEdr + A} =0, (@)
to —o 0

where 8Sis the variation of the stress functional and A
is the work performed by an externa force on the rod
end, x=1.

The inner integration procedure in (1) is performed
for atimeinstant t = t,, and the initial rod state is sup-
posed to be natural. The density of the Lagrangian &£ is
found as the difference between the density K of the
kinetic energy and the volume density I of the internal
energy under adiabatic deformation:

$=K-N= %’[E%-E +%%—"t‘%}—n(|k). )

Here, p, is the rod material density at the time instant
t=t;, and I, (k = 1, 2, 3) are the invariants of the
Cauchy—Green tensor C of finite deformations. To
approximate the specific strain energy, let us choose the
Murnaghan model appropriate for awide range of non-
linearly elastic materials [4]:

|i—2p|2+%“|i—2m|1|2+n|3. ©)
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The coefficients in (3) depend on the second-order
moduli of elasticity or the Lame coefficients (A, ), and
on the third-order or Murnaghan moduli (I, m, n).

Our abjective is to study the nonlinear longitudinal
waves with a characteristic amplitude of B and wave-
length L, such that the strain waveiselastic (B < 1) and
sufficiently long (R/L < 1). These constraints allow
simplifications to be made by relating the longitudinal
and transverse displacements, u and w, respectively. Let
us derive these relations taking into account that at the
free lateral surface of therod (at r = R), at any instant
there must be no normal or tangential stresses and the
corresponding components P,, and P,, of the Piola-
Kirchhoff tensor P must be zeros [4]. The condition of
smallness of the wave amplitude B < 1 alows one to
consider linear and nonlinear terms in the expressions
for uand w separately, whereas expansion into seriesin
powersof r isapparent in thelimit of long waves. Then,
we have

U= U+ Uy,
U, = Ug(X, t) + ruy(X, t) + riuy(x, t) + ..., (4)
Une = Ung (% 1) +ruyg (X 1) + .,
W =W+ Wy,
WL = Wo(X, 1) + rwy (X 8) + rPwy(, ) + ..., (5)
Wi = Wy (X ) +rwy (X t) + ...

Substituting (4) and (5) into the conditions P,, = 0
and P,, =0 at r = Rand equating the summands with the
same powers of r to each other, we obtain

u= U(xt)+vriu, + ..., (6)

2
Y, 1+v
3UXXX—D'( )

23-2v) 0 2

w = —-vrU,

()
+(1—2v|)5(1+ V[ - 2v)2 + 2m(1 + v) —nVHUZ+

where E isYoung's modulus and v is the Poisson coef-
ficient.

The higher-order terms can be found in a similar
way. However, they do not alter the form of the result-
ing equation for the nonlinear longitudinal strain waves
that will be derived below; therefore, they are omitted
here. The equation for longitudinal strain waves in the
dimensional form is derived with the help of the Hamil-
ton principle (1). Having substituted (6) and (7) into the
expressions for K and I, respectively, we obtain

K= %)(Utz"'vrz[utuxxt"'vuit]) *o (8)
= E%Uaﬁunvam U+ .., (9
2 X 3 X X XXX ’

DREIDEN et al.

where 3 = 3E + 21(1 —2v)3 + 4m(1 + v)?(1 — 2v) + 6nv?
is the nonlinearity factor.

Substituting these expressions into (1) and putting
0S= 0, we obtain anonlinear equation with two disper-
sions (ETD) for the strain wave v = U,;

Vi — EVxx_ D£(V2) + aR4Vtt - bRZVXXE =0,
Po (2p - (10)

wherea =—(v(1-v))/2, b =—vE/2p,.

Also, from the Hamilton principle, the boundary
conditions with respect to x namely follow v, and its
derivatives with respect to x and t tend to zero when
X —»= —oo0, At the other end, x = X and the conditions
depend on fixation. If therod end isfree, then the work
performed by external forces is zero and we obtain
from (1)

v=0 v,=0. (11)

If the rod end is fixed, the work of external forcesis
not defined, and on the basis of kinematic reasoning,
the displacement and displacement velocity are taken
equal to zero:

u=0, U,=0, (12
or, in terms of strain,
v,=0, v,=0 (13)

(2) Asymptotic consideration of the interaction
between solitary waves. To investigate the reflection
of anonlinear wave, let usreduce ETD (10) to a nondi-
mensional form having chosen asthe scalesL for x, L/cy

for t, and B/L for v, where ¢, = ,/E/p, isthe so-called

rod velocity. Let usintroduce a small parameter € such
that the nonlinear and dispersive termsin the ETD are
of the same order of magnitude:

2
B:%<1.

€ (14

Let us assume that the function v depends, in addi-
tiontoxandt, onaslow timet = et. Wewill seek asolu-
tion to the nondimensiona Eqg. (10) in the form of a
seriesin integer powers of €:

V = votev +.... (25

Substituting (15) into Eg. (10) and equating the
terms with the same powers of € leads to the D’ Alem-
bert solution for v:

Vo = Vu(O, 1) + vp(W, 1), (16)
where@ =x+tand P =x—t.
TECHNICAL PHYSICS Vol. 46 No.5 2001
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In € approximation we obtain the equation
2Voep = 2Vo1 0t =2V 02 gt

+ %((Vgl)@o +2Vy oV y t (VSZ)LMJ)

2

(17)

\Y)
+ ‘2-(V01, 0000 * Voo, pyyy)-

The condition of the absence of secular terms leads
to two Korteweg—de Vries equations (KdV) for the
functions vy, and v,

2

\Y)
2V01,1’_2_[3E(V31)O_5V01,@O® =0, (18)

Y
2V02,r_%(V§2)¢ _Evoz,ww =0, (19)
while the solution of the problem to afirst approxima-
tion (17) is
Vi = EV01V02 +V11(0, 1) + V(Y T). (20)
Substituting the known soliton solutions of the KdV

equations [5] into the expression for a zeroth approxi-
mation, we obtain

_ BEV?
VO - ——E—
+ cosh *(K[x — (1 + vkt —xep])]-

From (21) it follows that, regardless of the propaga-
tion direction, the type of the strain wave (compression
or tension) is governed only by the sign of the nonlin-
earity coefficient 3, which depends on the elastic prop-
erties of the rod material. Both conditions (13) for the
fixed end can be satisfied at Xy, = 2X — Xy;. In this case,
reflection of the solitary strain wave occurs with no
change of its form. On the contrary, soliton solution (21)
does not satisfy the conditions (11) for a free rod end.
Therefore, the wave reflected from the rod end will not
retain its shape, but will either disappear due to disper-
sion or will overturn because of the nonlinearity. These
processes can possibly be described either in theframe-
work of an asymptotic solution using the approach of
the inverse scattering problem to the KdB equation [5]
or by numerical simulation of the initial nonintegrable
ETD (10).

(3) Numerical study of the wave reflection from
the end face of the rod. Numerical smulation of the
ETD was performed using a conventional implicit
finite-difference scheme. The set of algebraic equations
resulting from the finite-difference approximation was
solved using the procedure of Gelfand and
Lokutsievskii [6], also known asthe Thomas algorithm.
Numerical solutions of the ETD for an infinite rod of
invariable cross section were previously obtained using
this approach in [7].

K?[ cosh 2(K[x + (1 + £V2K2)t —Xo1)] 21)
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Implementation of the boundary conditions at the
end of arod of length X is effected by means of sym-
metrical continuation of the calculation areabeyond the
rod end face, so that this areawould occupy theinterval
0 <x < 2X. If the rod end is free, then in the interval
X <x<2X,the ETD iscalculated using the nonlinearity
factor 3 opposite in sign to that used in the interval
0<x< X. The initial conditions are postulated in the
form of solitonslocated centrosymmetrically relativeto
thereal rod end at x = X. The type of theinitial soliton
is chosen depending on the sign of . So, if B > 0inthe
interval 0 < x < 2X, then we have a tension soliton,
whereas an initial compression soliton takes place in
theinterval X <x < 2X. Theinitial velocities of the soli-
tons are taken to be directed towards each other. The
initial condition v(x = X) = 0 is used in explicit form
whilethe condition of the zero second derivativeisreal-
ized automatically in the calculation scheme. Results
on the soliton reflection from the free end of the rod
0 <x < Xarepresented in Fig. 1. Theright-hand side of
the figure corresponds to the free end. The lowermost
profile corresponds to the initial time instant. It is seen
that the amplitude of the solitary wave propagating
from left to right decreases as the wave reaches the end
of therod. The reflected wave has the opposite polarity.
First, its amplitude grows, then the wave is dispersed.
As aresult, no localized strain wave is observed near
the input end of the rod.

In the case of the fixed rod end, an asymmetrical
continuation into the interval 0 < x < 2X is imple-
mented. In both intervals, ETDs with the same coeffi-
cientsare calculated with theinitial solitons of the same

S P
Sy e

Fig. 1. Numerical ssimulation of the decay of alongitudinal
strain soliton reflected from the free end of the rod.
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Fig. 2. Numerical simulation of the reflection of a longitu-
dinal strain soliton reflected from the fixed end of the rod.

polarities at equal distancesfrom the point x = X. Inthis
case, the boundary conditions (13) are automatically
satisfied. Results of the numerical simulation are pre-
sented in Fig. 2. The amplitude of the soliton is seen to
be nearly twice as large when it reaches the rod end.

DREIDEN et al.

Thereflected wave has the same amplitude and vel ocity
as the incident one. Keeping its shape, the reflected
wave propagates towards the input end of the rod.

EXPERIMENT

(1) Experimental techniqueand processing of the
experimental data. As the waveguide material, SD-3
transparent polystyrene was chosen. The optical
scheme of the experimental setup for the generation
and recording of strain solitons was already described
in our previous papers [2, 3]. The setup consists of a
device for generating the initial shock wave, a holo-
graphic interferometer for recording the wave pattern, a
synchronization unit, and a laser radiation energy
meter. The probing light beam of the interferometer has
adiameter of 50 mm.

The soliton parameters were calculated using data
obtained from processing of the holographic interfero-
grams. Notethat the interference pattern is not the usual
image of astrain soliton because this soliton isalongi-
tudina density wave. However, the amplitude of the
strain soliton can be calculated using the shift Ak of the
interference fringes [ 3]

AAK

Y = ShimoDa-2v) rv(mong]. &

Fig. 3. Experimental observation of the decay of alongitudinal strain soliton reflected from the free end of the rod.
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Fig. 4. Total reflection of a strain wave from the rod end attached to a quartz plate.

Fig. 5. Penetration of a strain wave through a polystyrene—plexiglass interface.

Here, 2h is the light path transverse to the rod, and n,
and n, are the refractive indices of the water and the
strainless rod, respectively. The amplitude is deter-
mined from the maximum shift of the fringes. The der-
ivation of relation (22) shows that the characteristic
length L of a solitary pulse (soliton) can be directly
determined from an interferogram as the length of the
interference fringe distortion. In our experiments, the
shape of the longitudinal strain wave is reconstructed
using thefollowing parameters: n,=1.33,n; = 1.6, A =
7 x 107" m, and v = 0.35[8]. Dueto the negative refrac-
tive index B for polystyrene, the upward fringe shift
from the undisturbed fringe position corresponds,
according to (22), to compression of the rod material.
TECHNICAL PHYSICS Vol. 46

No. 5 2001

(2) Observation of the soliton reflection from the
rod end face. Figure 3 shows holographic interfero-
grams of the reflection of a longitudinal-strain soliton
from thefree end. Theinterference fringesfromthelig-
uid beyond the rod end remain undisturbed (horizon-
tal), demonstrating total reflection of the incident wave.
At the bottom of the figure panels there are fragments
of the interferograms containing single fringes chosen
for theanalysis. In perfect agreement with the theory, in
the fragment at the bottom of Fig. 3b, the amplitude of
theinitial incident compression wave is seen to be less
as compared with a similar fragment in Fig. 3a. The
experiment demonstrates the absence of any localized
waves near theinput rod end. This confirmsthe theoret-
ical conclusion of the impossibility of propagation of a
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Fig. 6. Experimental observation of the reflection of alongitudinal strain soliton from the fixed end of the rod.

TECHNICAL PHYSICS Vol. 46 No.5 2001
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localized tension wave through polystyrene. Positions
in the interferograms of the interference fringes dis-
played separately in this and subsequent figures are
indicated by horizontal arrows.

In the experiment, the rod end fixing was imple-
mented by gluing it to a massive brass plate. To deter-
mine whether or not the wave could propagate beyond
the fixed end, we repeated the experiment with a plate
of transparent quartz whose acoustic resistance is six
times that of polystyrene. In the fragment of the holo-
graphic interferogam in Fig. 4, it is clear that the com-
pression wave does not penetrate into the quartz from
the polystyrene as evidenced by the horizontal interfer-
ence fringes from the quartz plate corresponding to an
undisturbed state. At the same time, replacing the
quartz by plexiglasswith an acoustic resistance closeto
that of polystyrene, we observed an unattenuated pas-
sage of the wave beyond the rod end, asis seen in the
fragment in Fig. 5. The acoustic resistance of brassis
15 times that of polystyrene. Therefore, one can pre-
sume that the wave is reflected from the rod end face
with no loss of energy.

Figure 6 demonstrates the wave reflection from the
rod end attached to a massive brass plate; the right side
of the interferograms corresponds to the fixed rod end.
It is seen that the amplitude of the initial compression
soliton propagating from the input end, shown also in
thefragment in Fig. 6a, has almost doubled by the fixed
rod end (Fig. 6b). Figure 6¢ shows the reflected com-
pression wave at a distance of 140 mm from the fixed
end. At this point, the water surrounding therod isdis-
turbed; therefore, the optical path difference caused by
the strain wave itself can be found by subtracting the
fringe shifts in the image outside the rod (B in Fig. 6¢)
from shifts measured for the rod (A in Fig. 6¢). The
result is that the amplitude of the reflected solitary
strain wave is practically equal to that of the incident
wavein Fig. 6a

CONCLUSION

For thefirst time, reflection of asolitary strain wave
from the free and fixed ends of anonlinearly-elastic rod
has been studied. It has been shown that the amplitude
of the wave reflected from the free end changes sign

TECHNICAL PHYSICS Vol. 46 No.5 2001
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and the reflected wave is dispersed. If the end is fixed,
the reflected wave has the same polarity as the incident
one and, keeping all the properties of the incident soli-
tary wave, propagates towards the input rod end.

It is demonstrated analytically and numerically that
in our experiments, the reflection of a localized wave
from the fixed end occurs in perfect accordance with
the theory of collisions of solitary waves. Conse-
guently, the observed wave exhibits the property of the
soliton to keep its shape after collisions, which serves
as one more confirmation that the waves we previously
observed are in fact strain solitons. In addition, the
applicability of the ETD model for description of the
evolution of solitary strain wavesin anonlinearly elas-
tic compressible rod has been confirmed.
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Abstract—The collision of afast (including relativistic) multiply charged ion with the ssmplest (hydrogen)
moleculeis considered on the basis of the eilkonal approximation. The analytical formulafor the reaction cross
section, i.e., thetotal cross section of all inelastic electron processes in the domain where the Born approxima-
tionisinapplicable, is derived. The cross section is compared to the corresponding doubled inelastic cross sec-
tionsfor collisions of multiply charged ionswith hydrogen atoms cal cul ated within perturbative and nonpertur-
bative approaches. © 2001 MAIK “ Nauka/Interperiodica” .

INTRODUCTION

Studies of elementary processes arising in the inter-
action of atomic systems with fast multiply charged
ions, which have received considerable attention in the
last few years (see, e.g., [1, 2] and recent reviews [3-5]
with their references), are of interest from the stand-
point of both general physics and their possible practi-
cal application. In the interaction of multiply charged
ions with atomic systems, the arising effective electric
fields may substantially exceed the characteristic
atomic field strength. Studying atom and molecule
behavior in such superintensefieldsis one of the topical
problems of modern physics. The applicability condi-
tion of the Born approximation Z/v < 1 (Zand v arethe
ion charge and velocity, respectively; hereafter we
employ the atomic system of units) may be violated in
the case of the collision of an atom or molecule with an
ion of large charge even for relativistic velocities. This
makes it impossible to use the perturbation theory for
calculating cross sections for various elementary pro-
cesses. In such cases, various nonperturbative methods
are used: the sudden perturbation approximation [6-9],
the eikonal approximation (Glauber approximation)
and its various madifications [10-14], numerical meth-
ods [15], and the recently found exact solution of the
Dirac equation in the ultrarelativistic limit [16]. A con-
siderable part of nonperturbative calculations are con-
fined to collisions of fast multiply charged ions with
atoms, whereas collisions with molecules are consid-
ered morerarely [1-5] because of the cumbersome ana-
Iytical calculations and time-consuming numerical
simulations. However, from the practical point of view,
itisprecisely studies of collisions between fast ions and
molecules that are of considerable interest.

Whereas collisions of fast protons and ions of small
charges with molecules can be considered within the
ordinary perturbation theory (see, e.g., [17-20]), in the

case of collisions between molecules and fast, heavy,
multiply charged ions, when Z ~ v and the Born
approximation is no longer valid, one should use non-
perturbative methods. If the perturbation theory is
employed for calculating the cross sectionsfor electron
transitions in inelastic collisions of fast charged parti-
cles with multielectron systems, one-electron excita-
tions and ionization are the first-order effects with
respect to the interaction between the incident particle
and atomic electrons[3]. Two-€electron transition corre-
sponds to the second order of the perturbation theory,
when the interaction of the incident particle with elec-
trons and interelectron interaction are taken into
account only once each. However, the situation evi-
dently changes when the interaction of electrons with
an incident particle is much stronger than the interelec-
tron one, as it takes place in the interaction of an atom
or molecule with amultiply chargedion. In this case, a
multiel ectron transition should be considered asaresult
of direct action of the incident-particle strong field
[3, 21]. The above-mentioned nonperturbative methods
correspond to just this mechanism of direct excitation.

In this paper, we consider the collision of a fast
(including relativistic) multiply charged ion with the
simplest (hydrogen) molecule on the basis of the
eikonal approximation. The analytical formula for the
reaction cross section, i.e., the total cross section of al
inelastic electron processes in the domain where the
Born approximation is inapplicable, is derived. The
cross section is compared to the corresponding doubled
inelastic cross sections for collisions of multiply
charged ionswith hydrogen atoms cal culated according
to perturbative and nonperturbative approaches.

GENERAL FORMALISM

In the Glauber approximation, the general expres-
sion for the amplitude of an inelastic collision of afast

1063-7842/01/4605-0512%$21.00 © 2001 MAIK “Nauka/Interperiodica’
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(including relativistic) multiply charged ion with anon-
relativistic (both before and after collision)! system of
particles (atom or molecule), which is accompanied by
the transition of the system from a state with a wave
function |\ o a state with awave function | W] can be
represented in the form (compare to [12, 13, 22])

iKi o i
fir(@) = 5fe il
0 j 0 @
x{l—exp[i—;J’deg}l‘Pimzb,
0 0

where g = k; — Kk; isthe change in the ion momentum, b
istheimpact parameter, and the x axisis directed along
theinitial ion momentum k;.

By implication of the Glauber approximation, the
scattering potential U in (1) is the sum of electrostatic
Coulomb potentials produced by static (during the col-
lision) electrons and nuclei of the molecule. The scat-
tering potential U isafunction of ion coordinates R;,,, =
(%, b) and the instantaneous positions of a molecule’s
nuclei and electrons, whose coordinates are denoted by
{Ra} (A=1,2, ..., N, where N isthe number of amol-
eculesnucleil) and{r} (a=1, 2, ..., n, where nisthe
number of electrons), respectively. Thus, U = U(x, b;
{r.}, {RA}). A feature of collisions between multiply
charged ions, on the one hand, and atoms and mole-
cules, on the other hand, is that the cross sections of
inglastic processes are rather large and generally
exceed atomic sizes substantially. Therefore, the range
of large impact parameters makes the major contribu-
tion to the cross sections. Using the small-angle
approximation for large impact parameters (asin [22]),
the integration over theion scattering angles can be per-
formed in the corresponding expression for the cross
section. Finally, for the cross section of the transition
considered, we find

o= J'dzb

2
0 0
EPA{l— expg'ﬂde%%%] )
0 0

that
2

W Jexp Er'; Ium%m# in (2) should be interpreted
0 0

It is clear the expression

asthe probability of the transition of amolecule from a
state with a wave function |W.[lto a state with a wave
function |Winits collision with an ion moving along a
straight path with the impact parameter b. It is impor-
tant that the expression for the transition probability
satisfies the unitarity condition, i.e., the sum of the

1 Strictly speaking, electrons or nuclei of a molecule thrown into
the continuum as aresult of a collision with arelativistic ion may
gain relativistic velocities. However, such processes occur at
small impact parameters and the corresponding contribution to
thetotal cross section can be neglected (compare to [4]).
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probabilities of transitions to all possible final states
(acomplete set) is evidently equal to unity.

Let us discuss the contribution to the cross section
of the interaction between an incident ion and the mol-
ecule’snuclei. In acollision having an impact parame-
ter b (b > 1), one nucleus gains a momentum of q; ~
27/(vb) and another, which is spaced at a distance ~R
from the first one, gains a momentum of g, ~ q; +
2RZ/(vb?). The difference between these momenta, i.e.,
the relative momentum, is dq ~ 2RZ/(vk?) < 1 for
b > 1. Since 3¢%/(2M) < wy, (M isthe mass of the mol-
ecule’'s nucleus, and wy, is the natural oscillation fre-
guency; in our case of a hydrogen molecule, M is the
proton mass and wy, ~ 0.02), the vibrational excitation
of nuclei due to the interaction of an incident ion with
the molecule’s nuclei can be neglected (compared to
characteristic cross sections of electron transitions).
The excitations of rotational degrees of freedom can be
neglected for similar reasons. Indeed, the angular
momentum transferred to a molecule ~0gR ~
27/(vb?)R? < 1 (compare to analogous estimations in
[23]). Thus, we can keep only the interaction of the
incident ion with electronsin the scattering potential U
and consider the nuclei positions to be fixed, i.e., U =
U(x, b; {r.}). Then,

+o00

%J’de

N
PRCIEN
a=1

_2 |b_sa|
Xa(b,s) = 2B,

where the two-dimensional vector s, lies in the plane
perpendicular to the direction of ion motion and hasthe
coordinates s, = (Ya Z)-

Generally speaking, the integral with respect to the
impact parameter in (2) diverges at large impact param-
eters.“ However, such a divergence turns out to be
insignificant [4, 8, 13]: for large impact parameters, the
ion field is small and the Born approximation is appli-
cable with overlapping ranges of applicability of the
Born and eikonal approximations. This makes it possi-
ble to match the correctly corresponding cross section
with respect to the impact parameter. Let us denote by
b, the upper limit of integration with respect to the
parameter bin (2). For large b > sand orthogonal states
|WCand |0 the generalized inelastic form factor (the

2 Notethat (just asin the case of collisions between ions and atoms
[13]), if in the collision of a fast ion with a molecule either the
states of more than one electron change or transitions are forbid-
den in the dipole approximation, the integration with respect to
the impact parameter in (2) can be extended to the whole plane of
the impact parameter (since the integrand provides the conver-
gence of the integral) and the need for matching with the result
obtained by the perturbation theory disappears.
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amplitude of inelastic transition)

W1- exp%—iz—zlnM HLPiD
ov bg

©)

. 2Zb
= [W¢|exp{igs}|W0J q = e

tends to ig@,|s|WOfor small q and, hence, the integ-
ral (2) with respect to d?b depends logarithmically on by.
Therefore, the contribution of the region b < b, to the
cross section can be represented as (compare to [13])

2 .
o(b<by) = BihIn=L, gy = 221(vby), (@)
74 0

where the variables A;; and a;; depend only on the prop-
erties of the electron states of the molecule and are
independent of the impact parameters, namely, theinci-
dent ion charge and its velocity.

In the range of large b > b,, we will use the Born
approximation to calculate the corresponding cross
section, sincetheion field in this caseisasmall pertur-
bation. We will calculate o in each of the impact-
parameter ranges and obtain the total cross section by
summing the contributions of each range. In doing so,

the exact value of by is insignificant,3 since the by
dependence of o turns out to be logarithmical. This
results in a correct matching of the contributions of
each range and dropping out of the by-dependence in
the final result.

TOTAL INELASTIC CROSS SECTION

Consider the collision of afast multiply charged ion
with a hydrogen molecule in the reference frame in
which the molecul€'s center of massis at rest at the ori-
gin. The coordinate axes are chosen so that the b vector
isdirected along the z axis and theion velocity v, along
the x axis, as before. Weassumethat R,= R/2and R, =
—R/2 are the radius vectors of the static protons (the
molecule’s nuclei), and r, , are the radius vectors of
electrons. Then, in the approximation of large impact
parameters, the amplitude of the transition of the sys-
tem from a state with a wave function |Wy[to a state
with a wave function |W, 0is given by (see (3)) the
expression

Ao = Il w0 ®)

Hereafter, we will consider only inelastic processes
that are connected with changes in the state of the elec-
tron subsystem of a hydrogen molecule and will not
touch upon possible processes related to changes in its
nucleus subsystem. The cross section of al theinelastic
processes that occur in collisions of amultiply charged
ion with a hydrogen molecule will be found in the fol-

3 Although, as s done for collisions with atoms [9], similar estima-
tions may be easily obtained for by.

MATVEEV et al.

lowing way. First, we obtain the probability of a colli-
sion having an impact parameter b in which the mole-
culeretainsitsstate. In order tofind it, one should insert
the wave function of the ground state |W,Cinstead of
|W.On (5). We choose the following form for thiswave
function:

Worsrz) = N(@(ria)9(ran) + 9(rip)9(ra)), (6)

where ¢(r) are the hydrogen-like functions

3
MU=J%€Q; (7)

l'120 F1or Fome @8N 1y, are the distances of thefirst and sec-
ond electrons to nuclei a and b, respectively; and N is
the normalization factor.

At Z, = 1, this function corresponds to the Heitler-
London approximation (with a fixed distance R
between the nuclei); Z, = 1.166 correspondsto the vari-
ational calculation [24] of the ground state of a hydro-
gen molecule with the wave function (6) for the equi-
librium distance between the nuclei, R = 1.4. The nor-
malization factor in (6) is conventionally expressed in
terms of the overlap integral S(p):

N = [2(1+S(ZR)]

2 (8
S(p) = e’H+p+E3

The calculation of the transition amplitude yields

A = 2N*{ AZ(q) + A5(q)}, 9)
where
A = —22
(a°+4Z)

1/2
Az(Cl) = 622> dZEE'_ZZEpOS(Z(qRS))S(BR), (10)
[ afh -t

-1/2

Bz _ Z§+q2%—22%

The expression obtained depends on the molecule
orientation [through the factor cos(z(qR)) in Ay(q)]. In
order to obtain the probahility of the process in which
the molecule stays in the ground state in its collision
with a multiply charged ion, one should average the
squared absolute value of the amplitude Ay, over
angles. This yields an expression involving an integral
of the product of four factors of the form cos(z(qR))
(with different z). The expression obtained in this way
is rather cumbersome; therefore, we will use the fol-
lowing approximation to get a more compact expres-
sion. For large impact parameters, when q < 1, we may
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substitute

cos(z(qR)) Dl—zz(qTR)z

into (10) and perform averaging over molecule orienta-
tions after this substitution.* The final expression for
the averaged probability depends on two integrals

I 1, Z(q)!

1/2
_ L _S(BR)
1.(q) = 3 [ dzs, —Z ==,
I B0

-1/2

12
R
12(q) = 3q2R2I dzzz%—zzgs(—gs ),
-1/2
which may be calculated numerically.
Thefinal expression for the averaged probability is

[ U]
Woo(Q) = 4N“EA1‘(q) +8Z.°Al(q)

<12 -3h@1(0) + %Ié(q)} »

+1622| [ ) —-Il(q)lz(q) += 1(q)|2(q)

@i z(q)}

Then, the reaction probability is W,(q) = 1 —

Wio(q) . After multiplying Wi(g) by 2rddb and per-
forming integration with respect to the impact parame-
ter from zero to by, we find o,(b < b), i.e., the reaction
Ccross section in the impact-parameter range 0 < b < by,
which makes a major contribution to the total inelastic
cross section. However, such a procedure can be
directly performed only numerically. Therefore, in
order to obtain an analytical expression for the cross
section, we employ the method described in [13] and
represent the inelastic cross section in form (4) with
Ait = A, and a;; = ;. Inthisexpression, the parameter A,
is defined by the asymptotic of the probability W,(q) at
small gq

W.(a) = A, (12)
and is equal to 2.098 for Z, = 1.0 and 1.555 for Z, =

q—0

4We numerically calculated the cross section in view of the subse-
guent terms of the cosine expansion and found that the correc-
tions were <1%.
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1.166. Formula (5) shows that

= Z| O] (Zea + Z20))| Lpoﬁ| (13)

= Wol(z4a + ZZb)2|L|JoD

where the summation zn is performed over the com-

plete set.
The value a, has been obtained numerically by the
formula (compare to [13])
bO

I|m—ex 1 v
by — =V Dy p%

anditisequa to 0.415 for Z, = l.O and 0.482 for Z, =
1.166. Thus, the contribution of the impact-parameter
range b < b, to the cross section has the form

a, =

2
b
a(b<by) = 8n5—2)\rlna'; 0

(15)

where a, does not depend on the parameters of the col-
lision v and Z, just as in the case of collisions with
atoms[13].

At large impact parameters b > by, the ion field is
weak and the Born approximation may be used for cal-
culating the cross sections. In the first order of the per-
turbation theory, the amplitude of the molecule transi-
tion from theinitial state |Y¥,[into thefinal |Y¥,[statein
the time-variable field of the moving multiply charged
ionisgiven by the expression (see, e.g., [4, 12, 13])

Aé}() = —l_(*)ko [1(Zya+ Zop) o/ 1 — Kl(E)
(16)

+ (Xga + Xap)ko(1— B*)Ko(&)1,
where wy is the transition frequency; Ky(x) and K,(x)

are the McDonald functions; and & = mKObA/l—lev,
B=vlc, and (z.)o = W\ |z, ¥, €etc. are the dipole
matrix elements of the transition.

Having summed |AS) 2 over al final states k and

performed integration with respect to the impact
parameter b from b, to o, we find the contribution of
the range of large impact parametersto the total inelas-
tic cross section. In the expression for the cross section,
besides the squared z and x components of the dipole
moment, the cross terms involving their product will
appear. However, they vanish after averaging and,
hence, we will not take them into account. In view of
the fact that the following equality is satisfied for the
squared z and x components of the dipole moment aver-
aged over molecul e orientations,

|(Zla+ ZZb)kO|2 = |(Xla+ XZb)k0|2’
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the reaction cross section is given by the formula
_ z? 2
or(b > bO) - SHV_ZZ |(Zla + ZZb)kO|
s 17)

[ EoKo(Eo) K80 - 585B°(Ki(Eo) ~K3(E0) |
where &, = wyobya/1— B2 /V.

In the limit of large velocities &, — O, taking into
account the asymptotics [25] of the McDonald func-
tionsfor x — 0O,

2, .
Ko(X) ——-B+ In)—(, xKi(xX) —1; (18)
xKy(x) — 0,

o, takes the form of the so-called Bethe asymptotic

2 - 0
or = 8.’-[5_22 |(Zla + Zzb)k0|2
. .- (19)
X Dnz—v — B_D
a nbowkoﬂl—Bz 20
Here, n =2 =1.781 (B = 0.5772 isthe Euler constant).

We define the mean transition frequency @ by therela-
tion

2
z |(Z1a * Zop)wo| " INWYo
- K

Inw =

(20)
z |(z1a + Zzb)k0|2
k

with the quantity S, |(Zya + Zon)o|© = A, determined
above [see (13)]. Generally, formula (20) makes it pos-
sibleto calculatethevalue of @. However, thisrequires
knowing the wave functions and energies of al the
electron states of a molecule. Therefore, in view of the
weak (logarithmic) @ -dependence of the cross section,
we estimate it in the following way. Since we consider
collisions with large impact parameters, the field of the
molecule’s nuclei can be described by the Coulomb
field of a point charge Z,. In this case, the value of ®
can be calculated exactly (compareto[13]) and isequal

t0 0.465 Zf1 , Where 0.465 isthe value of mean transition
frequency in the hydrogen atom.

Then, the final expression for the contribution of the
range b > b, to the cross section of all inelastic pro-
cessesis given by

7z, O
o,(b>by) = 8m=A,0n
ve O

2v e
— =0 (21
nbeon1-p? 20
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Summing the cross sections o,(b < by) and o,(b >
by), we obtain the total inelastic cross section

2.0 2 2
o, = SH%Aan&—%D (22)
v: O nzeoJi1-p*> <O

Note that the by-dependence disappears after match-
ing. Inthe nonrelativistic limit, the obtained expression
for the cross section satisfies the well-known empirical
scaling law [1, 26]

o = ZQ(E/2), (23)

where E isthe energy of an incident ion divided by the
unit of atomic mass and Q is auniversal function.

Generally, in measurements and cal culations of the
cross sections of inelastic processes (0}, ) accompany-

ing collisions of fast charged particles with a hydrogen
molecule, the cross sections are compared to the corre-
sponding doubled cross sections (20,,) for collisions of
the same particles with ahydrogen atom [27]. Note that
deviationsfrom thisrule are registered both experimen-
tally and theoretically (in calculations in the Born
approximation) [17]. Such a comparison has not been
performed yet for calculations by nonperturbative

methods in spite of the fact that the estimate o, = %OHZ

of the cross sections for collisions of hydrogen atoms
with fast multiply charged ions is widely used (see,
e.g., [26, 27]) in the domain where the perturbation the-
ory isnot valid.

The figure shows the result of calculating the total
inelastic cross section by formula (22) for Z, = 1.166
and 1, aswell asthe doubled reaction cross sections for

o,, 10719 cm?*/molecule

800 4
400 - 3
¢
2
1
1 1 1 Il T
0 20 40 60 80 100 Vv, au

Reaction cross section (22) obtained in this paper for Z, =
(2) 1.166 and (2) 1; (3) doubled cross section for ahydrogen
atom in elkonal approximation (24) and (4) in Born approx-
imation (25). The experimental value of the cross section
0055 Was obtained in [26].
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Cross sections for collisions of Pb?* ions of energy E =
4.65 MeV/nucleon with molecular hydrogen (in units of
10716 cm?molecule)

z Oloss 01 O Ore O
52 | 2202 | 178 | 274 | 330 | 722
53 | 220723 | 182 | 280 | 338 | 750
54 | 220723 | 186 | 287 | 347 | 779
55 |230'% | 189 | 293 | 356 | 808
57 | 25075 | 196 | 306 | 373 | 868
59 | 260/3% | 203 | 318 | 391 | 930

Note: 0}, iS the experimental data [26]; 0,4 and o, , are the cal-
culations by (22) with Z, = 1.166 and 1, respectively; 0,0 iS
the calculation by (24); and o,g isthe calculation by (25).

the collision of fast multiply charged ions with hydro-
gen atomsin the eikonal approximation [13]

2 2 ZD
O = 2X8T[Z—|jn&—l3—

vi0 ZJ1-p° 20

and in the Born approximation (the Bethe asymptotic)
[22]

(24)

V2
0.16(1—B%)

ZZ
Op = 2X% 4nv—2%n

-’H ()
for Z =59 and E > 1 MeV/nucleon. Here, the experi-
mental value for o), Obtained in [26] for the collision
of aPb®®* ion at E = 4.65 MeV/nucleon (v = 13.6) with
molecular hydrogen is shown. The table lists the exper-
imental data obtained in [26] for 0, in collisions of
Pb?* ions of various multiplicity with molecular hydro-
gen at E = 4.65 MeV/nucleon. Here, theinelastic cross
sections calculated by formulas (22), (24), and (25) are
also presented.

The results of our calculations presented in the fig-
ure and table illustrate the corresponding errors

(04, = 20y) and makeit possibleto draw the following

conclusions. The correct alowance for the strong ion
field yields a substantial difference between the cross
sections calculated in the Born approximation and in
the eikonal approximation in the cases of collisions of
multiply charged ions with both atoms and molecules.
The effects resulting from alowing for the molecular
structure of electron states may result in significant
(more than 30%) deviations from the prevailing rule of
estimation, according to which the cross section for a
collision with a two-atom molecule is approximately
equal to the sum of the corresponding cross sectionsfor
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isolated atoms. The violation of thisruleincreaseswith
decreasing relative collision velocity.

=
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Abstract—Multistream instabilities of crossed electron beams in a plasma are investigated analytically. By
using successively more complicated models, theinstability of afinite number of crossed monoenergetic beams
and the instability of an infinite number of crossed monoenergetic beams with different distributionsin the azi-
muthal angle are studied. The conclusion is drawn that an isotropic plasmais unstable against the excitation of
longitudinal waves. © 2001 MAIK “ Nauka/Interperiodica” .

The familiar theory of the two-stream instability of
electron beams in a plasma [1] can naturally be gener-
alized to the multistream instability theory, which, on
the one hand, serves as a discrete model of the kinetic
instability of a plasma with a continuous €electron dis-
tribution function and, on the other hand, describes
actual experiments on the injection of many electron
beams into a plasma.

There are a number of papers aimed at theoretical
[2, 3] and experimental [4] investigations of the multi-
stream instability of asystem of parallel electron beams
with different densities and different electron veloci-
ties. However, it is also of interest to study the multi-
stream instability of nonparallel beams. For thisreason,
our main objective here is to develop a model of the
instability of afinite number of crossed beams. Wethen
improve our model step by step in order to investigate
the instability of an infinite number of crossed monoen-
ergetic beams with different distributions in the azi-
muthal angle and the instability of an isotropic plasma
against the excitation of longitudinal waves. Note that
the latter problem is analogous to the problem treated
by Weibel [5] in connection with the instability of a
plasma with an anisotropic electron temperature (see
also[6]). Theformalism developed hereisalso applica
ble to one-dimensional isotropic electron distributions
that appear in microwave[7] or optical gas breakdowns
[8, 9] in superstrong fields such that the electron oscil-
latory energy is much higher than the ionization energy
of the atoms.

We start by considering a finite number of straight
monoenergetic electron beams that are unbounded in
the transverse direction and propagate against the back-
ground of immobile neutralizing ions. Let the veloci-

tiesof al of thebeamslieinthe sameplane (Fig. 1). We
use the dispersion relation derived by Stix [3]:

N 2 2
(.L)b j

1= — b = ,
j;(m—kvj)2 £, (0—kvcos6))*

)

where wy; isthe plasma frequency of the jth beam, v; is
the velocity vector of the electrons from the jth beam,
N is the number of beams, w and k are the frequency
and wave vector of the excited wave, and §; isthe angle
between the vectors v; and k.

It isconvenient to rewrite Eq. (1) multiplied by k? as
N 2
2 = D @
(Vpn—V;cosb))

j=1
where v, is the wave phase vel ocity.

Equation (2) can be analyzed in a standard way. As
an example, we consider eight electron beams with the
same velocity (Vo = v;) and the same density (wy, =
). Let the beams divide the total angle 21t about the
point of their intersection into eight equal parts
(Fig. 2a). The plot of the function k*(v,,) for this beam

Fig. 1. General configuration of crossed electron beams.
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system is presented in Fig. 3aand is seen to be similar
in shape to the corresponding plots obtained in [2, 3]
for a system of parallel monoenergetic electron beams
with different velocities. However, the plots shown in
Fig. 3aand calculated in [2] differ in that the envelope
of the local minima of the function k*(v,,) in Fig. 3a
(the dashed curve) is convex downward, while the cor-
responding envelope in the model of [2] is convex
upward. This discrepancy can be explained as follows.
In our model, the interaction of the excited wave with
the beams that are nearly parallel to the wave propaga-
tion direction is more efficient than with the beams that
are nearly perpendicular to the wave propagation direc-
tion. In contrast, in the model of parallel beams[2], the
excited wave interacts most efficiently with an electron
beam whose velocity is closest to the average velocity
of the beams.

The roots of Eq. (2) can be readily found by inter-
secting the plot in Fig. 3a by a horizontal straight line
k? = const. If the line passes below some of the local
minima of the function k%(v,,), then Eq. (2) has com-
plex roots whose imaginary parts determine the insta-
bility growth rates.

We can easily see that, for sufficiently small values
of k?, Eq. (2) dways has complex roots. However, in
real bounded beam—plasma systems, no instability can
occur if their characteristic dimension L isless than the
shortest wavelength at which Eqg. (2) still has complex
roots.

In the general case (and in our case of eight beams),
the complex roots cannot be determined analytically.
However, they can be either calculated numerically or
evaluated graphically using the approximate method
described by Smirnov [9].

Let us point out one more feature that should be
taken into account when analyzing Eq. (2). With aspe-
cia choice of the beam velocity vectors, the velocities
of some of the beams may have the same projections
onto the direction of the wave vector k. In this case, the
vertical asymptotics of the plot of the function k(v
that correspond to the resonances of the excited wave
with these beams merge into one, because the corre-
sponding denominators of the fractionsin Eqg. (2) coin-
cide; the corresponding partial densitiesin the numera-

tors wy; are added together. In addition, the values of

the local minima near such degenerate resonances
change. As a result, the number of resonances
decreases; moreover, for a system of N beams distrib-
uted uniformly over the azimuthal angle, we can distin-
guish between two cases: the wave vector of the excited
waveis parallel to one of the beams (case A in Fig. 2b)
and the wave vector is parald to the bisector of the
angle between the neighboring beams (case B in
Fig. 2c). For even and odd values of N, the number of
resonances decreases in different ways (see table). As
an example, the plot of the function k?(v,,) for N = 8
and for case A with five resonancesis shown in Fig. 3b.

TECHNICAL PHYSICS Vol. 46 No.5 2001
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Fig. 2. Configuration of eight electron beams with the
same density and velocity: (a) general case, (b) case A, and
(c) case B.
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Fig. 3. Plots of the function k%(v,y,) (a) in the general case
and (b) in case A.
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Fig. 4. Dependence of the values of the local minima of the
function k2( Vph) on the orientation of the wave vector k.

Itisalso of interest to understand how the values of
the local minima depend on the orientation of the wave
vector k relative to the beams. For a system of beams
distributed uniformly in the azimuthal angle, it is suffi-
cient to consider such angles between the wave vector
k and the velocity v; of one of the beamsthat lie in the
range ¢ LI [0; TVN], inwhichthe smallest and the largest
angles correspond to cases A and B, respectively.

For the above symmetric system of eight electron
beams, the dependence of the values of the local min-
ima of the function k(v on the orientation of the
wave vector of the excited waveisillustrated in Fig. 4.
This dependence is characterized by four branches,
because, by virtue of the symmetry of the beam system,
some of the minimaare equal in magnitude, so that we
can speak of apartial degeneration of thelocal minima.
For ageneral system of beams distributed arbitrarily in
the azimuthal angle, the local minima are nondegener-
ate; however, one can construct a beam system with a
desired (and even fairly high) degree of degeneration.

Itisworth noting that, for the wave vector k oriented
approximately in the same manner asin casesA and B,
some of the values of the loca minima can be arbi-
trarily large, thereby providing the possibility of gener-
ating very short waves. Physically, this can be
explained by the fact that the excited wave resonates

The number of resonances for different orientations of the
wave vector k

Even N Odd N
General case
N N
N+2 N+1
CaseA 5 5
N N+1

DUBINOV

with several (rather than one) beams, the number of
beams being determined by the degree of degeneration.

Now, we proceed to an analysis of an infinite num-
ber of crossed beams distributed continuously in the
azimuthal angle. We assume that a two-dimensional
space is penetrated by electron beams with the same
speed v, but with different densities. We describe the
continuous angular distribution of the beams by the

directionality function ooi,f(e). We dso assume, as

before, that the space charge of the beamsis neutralized
by an immobile ion background.

Thewave properties of such abeam system are gov-
erned by the complex dielectric function

22
- 1_%-[ f(e)do
K (v g — voc088)°

©)

Mathematically, the problem reduces to that of cal-
culating the integral in expression (3) and determining
the imaginary part of €. For a number of particular
directionality functions, this problem can be solved
exactly. The results of relevant calculations carried out
for different orientations of the wave vector k are pre-
sented in the Appendix and are illustrated in Fig. 5.

The most interesting case is that in which the direc-
tionality function isuniform. Calculations show that, as
expected, the imaginary part of the dielectric function
(3) isnonzero under the Cherenkov radiation condition
for longitudinal waves:

[V on/ Vo < 1. (4)

The excitation of a longitudinal wave gives rise to
the Cherenkov instability. Note that this situation is
fairly general and does not require that the system be
anisotropic, asisthecasein[5]. It isalso an easy matter
to generalize this example with an isotropic direction-
ality function and monoenergetic electron beamsto the
case of isotropic discrete or continuous electron distri-
bution functions (see below).

All of the examples presented below refer to aniso-
tropic directionality functions, so that the results of cal-
culations depend strongly on the orientation of the
wave vector k relative to the directionality function
f(0).

In particular, for a single-lobed directionality func-
tion, we consider three different directions of the wave
vector k. For the transverse direction of k (k,), the
imaginary part of the dielectric functionis exactly zero.
For the longitudinal direction of k (k,), there is only
direct Cherenkov resonance; in this case, passing over
to the frame of reference that moves at a speed v/2
with respect to the original frame, we arrive at the
above examplewith anisotropic directionality function
and the electron velocity vy/2. For the wave vector k
that bisects the angle between the transverse and longi-
tudinal directions, thereis also Cherenkov resonance at
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Fig. 5. Results of the calculations of Ime(v,y,). (1) Thedirectionality function f(§): f(6) = const isan isotropic function, f(8) = cosB is
asingle-lobed function, f(6) = cos?0 |sadoublelobedfunct|on and f(8) = cos~40 isafunction with eight lobes. (2) Polar diagrams
of thefunction f(6) and the orientations of the wave vector k. (3) Formulasderived inthe Appendix for the exact values of theintegral

in expression (3). (4) Plots of the function Ime(v,p).

|Vo/ Vol = 1, in the case of which the function Ime(v,)

has finite-amplitude jumps at v,,/v, = +4/2/2.

The case with adouble-lobed directionality function
isageneralization of the case of atwo-stream instabil-
ity, and the case with eight lobes is a generalization of
the above model of eight unstable electron beams.
These examples, which areillustrated in Fig. 5 for sev-
eral different directions of the wave vector k, are also
characterized by the Cherenkov instability; moreover,
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in the case with eight lobes, the imaginary part
Ime(v,,) isan alternating-sign function.

In conclusion, we briefly discuss the electron beam
distribution functions that are not monoenergetic. For
an electron distribution function that is discrete in
velocity and uniform in the azimuthal angle, we haveto
analyzethe imagi nary part of the sumin the expression

- pJ
¢ I (Vpr—V; cose) ©

]—1
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Clearly, the sum in formula (5) is equal to the sum
of theterms of the form of (A.1), and theimaginary part
Im(g) is nonzero only in the velocity range

_Voh <1, (6)
max{ v}

Analogous considerations are also valid for isotro-
pic electron distribution functions that are continuous
in velocity. This situation can be analyzed by simply
switching from summation to integration over v in
expression (5), in the case of which we can aso arrive
at the situation with Im(g) # 0.

DUBINOV

Maxwellian) electron distribution function can be
unstable against longitudinal waves.
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APPENDIX

Here, we present the exact values of the integrals |,
from Eq. (3); the integrals are numbered by j in the
same manner asin the table:

Hence, we started by developing a model of the |, = =27 Vph%z , (A.1)
multistream instability of a finite number of crossed R
beams and then developed successively more compli-
cated models. In this way, we arrived at the conclusion = _Z 9 .
. ; ; . I, , Ol[o; m, (A.2)
that a plasma with an isotropic and continuous (e.g., R
1, = oA RC(2V0=8Vin + BVoV ) + V2[A(V5—4VoV jn + 4VoV )]}
3/2 2 2 2 2 !
R™(2vo—4vyn)[2(Vo+ Vpn) = (Vo—2V )] (A.3)
T 3
e D |:_Za 4 ’
+v the asterisk denoting the complex conjugate; and
2arctanhL2 7z ol RYZ (A-4) csgn(...) isacomplex sign function defined as
U R O Tt
|4= 2 R3/2 ’ 9 D|:—§, g, C%n(Z)
nv,,C—RY 0L a (Re(2>0) O[(Re(2 =0) n (Im(2) 20)]
p —
ls = 2= o (A3 "H1 a (Re(z) <0) O[(Re(2) = 0) n (Im(2) <0)]
0
miv,,C and
lg = R—;;:’ (A.6) P
2-1 -
i . . A = arctanh )(1‘//20 V oh)
IC(voVpn—Vp) —R R
I, = =21 2 , (A.7) et .\
0 + arctanh :_\EJ‘J/ZO Vph),
z
lg = —8M——, (A.8)
VoR Z, = —viR¥+ 30v v, R~ 120v2v 3, R
VA : .
lg = 2T[V8_R23/2' (A.9) + llzvghR”2+ 8|vgvphC—76|v3vfth
0

We direct the attention of the reader to the integra-
tion limits in formulas (A.2)—(A.4). In formulas (A.1)
and (A.5)—A.9), integration is carried out over the
entire azimuthal angle, asisthe casein Eq. (3).

In these formulas, we use thefollowing notation: i is
the imaginary unit;

R=vi—vi, C=csonfi(R®)*(vo+ vy,

+176iv5v3,C —112iv ,C,

Z, = —4voR + 124v v R —600v v R

+928v5v R —448v 5 R + 3livov ,,.C
—336ivgv3,C + 1008i v 3,C
~1152ivgv ;,,C + 448iv ,C.
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Abstract—Stable ignition and sustention of a pulsed discharge with a current of up to 180 A and duration of
12 ps at a pressure of 101-1072 Pa are achieved in a glow-discharge plasma cathode with the help of an auxil-
iary initiating discharge. An electron emission current density of up to 100 A/cm? and accelerating voltage
of 15kV are obtained in a gas-filled diode based on this type of a plasma cathode. An electron beam with
aneutralized space charge can be transported almost without losses in a weak axial magnetic field along
aplasma channel formed due to the gas ionization by the accelerated electrons over a distance of up to 30 cm.

© 2001 MAIK * Nauka/Interperiodica” .

INTRODUCTION

The perveance of gas-filled and plasma-filled diodes
is higher than that of vacuum diodes due to the acceler-
ation of electrons in a sheath between the cathode and
the anode plasma, which is created either via gas ion-
ization by a beam or using an auxiliary gas discharge.
In an electron source with aplasmaemitter [1] inwhich
the cathode plasma is produced by an arc discharge,
currents of up to 600 A with a pulse duration of 30 ps at
an accelerating voltage of 20 kV and a mean electron
emission current density of 12 A/cm? are obtained. As
in electron sources with cold cathodes, which provide
current densities of up to several kA/cm?, the service
life of a source with an arc discharge is determined by
the cathode lifetime. The use of a glow discharge with
a hollow cathode in the plasma emitter lifts these
restrictions and substantially increases the service life
of the electron source due to the large surface area and
weak erosion of the cathode. As was shown in [2], a
glow-discharge plasma cathode can provide an emis-
sion current density of up to 60 A/cm?.

The main disadvantage of a glow discharge is the
high pressure required for igniting and sustaining the
discharge; this circumstance substantially limits the
electric strength of the accelerating gap. The use of an
auxiliary initiating discharge makes it possible to sig-
nificantly decrease the operating pressure and achieve
the high electric strength of the accelerating gap [3, 4].

GAS-FILLED DIODE AND ELECTRON-BEAM
DIAGNOSTICS

A schematic of the gasfilled diode is shown in
Fig. 1. The gas-discharge system of the plasma emitter
consists of two glow discharge systems. The first sys-
tem consists of the cathode 1 and anode 3 and actsas a
system for initiating the discharge, which occurs at a

relatively high pressure for a short time (2-3 ps). The
hollow cathode 1 is a 50-mm-long cylinder with an
inner diameter of 10 mm. In order to decrease the igni-
tion voltage of the initiating discharge, the cathode 1 is
embedded in the 0.1-T magnetic field, which is created
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Fig. 1. Schematic of the gas-filled diode.

1063-7842/01/4605-0524%$21.00 © 2001 MAIK “Nauka/Interperiodica’



GAS-FILLED ELECTRON DIODE BASED ON A GLOW DISCHARGE

by ring Sm—Co permanent magnets 2. The main glow
discharge with aduration of 12 s occurs between a40-
mm-diameter and 50-mm-long cylindrical electrode 3,
which acts as a hollow cathode in this discharge, and a
hollow anode consisting of an 80-mm-diameter and
100-mm-long cylindrical electrode 4 and a grid elec-
trode 5, placed at the end of the anode. To ensure the
pressure difference between these discharge systems,
the coupling between them occurs through asmall con-
tracting hole 6 mm in diameter. In spite of the small
diameter of the contracting hole, the hollow cathode
effect is ensured by the penetration of the anode poten-
tial because the thickness of the space charge sheath
created by the plasma of the initiating discharge is
fairly small. The presence of the hollow cathode effect
in the discharge system consisting of electrodes 3 and 4
is confirmed by the sputtering of the wall of electrode
3. We note that the copper electrode is sputtered more
intensely than one of stainless steel.

The electrons are extracted and accelerated by a dc
voltage applied between an emissive grid electrode 5
and a cylindrical accelerating electrode 6. In experi-
ments, it was possibleto vary the diameters of the open-
ings in the emissive and accelerating electrodes from
10to 50 mm, the diameter of thelatter electrode aways
being larger than that of the former. The distance
between the grid emissive electrode 5 and accelerating
electrode 6 was 5 mm.

The parameters of the el ectron beam were measured
after its passage through a 300-mm-long and 80-mm-
diameter drift channel 7. The main components of the
diagnostic system were a collector 9, a set of Faraday
cups with an aperture diameter of 3 mm, and a
water-cooled calorimeter. The calorimeter was placed
on a movable rod and could be moved along the
diode axis without breaking the system sealing. To
study the influence of the magnetic field on the trans-
portation of the neutralized electron beam, a 0.015-T
axial magnetic field was produced in the drift channel 7
by a solenoid 8.

Toignitetheinitiating discharge, a 10-kV pulse was
applied from the secondary winding of a pulsed trans-
former; a TGI 500/16 thyratron was used to switch a
6000-pF storage capacitance. The current pulse of the
initiating discharge had a half-sinusoidal shape with an
amplitude of 20-30 A and a full width at a half-maxi-
mum of 3 ps. The main discharge was powered from a
pulse-forming line. A voltage of 5-10 kV was switched
on by aRU62 controlled discharger at the instant when
the initiating discharge current reached its maximum.
The duration of the main discharge current pulse was
12 ps, the current amplitude was up to 180 A, and the
main discharge voltage was <1 kV. The pulse repetition
rate, which ranged from single pulses to 25 Hz, was
determined by the power supply capability. The accel-
erating gap was powered from a dc power supply with
an output voltage of 0—15 kV and a storage capacitance
of 5 pyF, which enabled the operation with a partia dis-
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charge of the capacitance and low variationsin the volt-
age during the beam current pul ses.

EXPERIMENTAL RESULTS

After puffing the working gas (air) into the dis-
charge system and applying the corresponding volt-
ages, the auxiliary glow discharge between electrodes 1
and 3isfirst ignited. According to both the experiment
and calculations, when the working gas is supplied
through the hollow cathode 1 at a flow rate of Q = 5—
20 mPam? s, the pressure in the discharge gap ranges
within several pascals. The presence of the magnetic
field in the cathode region of the auxiliary discharge
allowsusto lower theworking pressure required for the
auxiliary discharge ignition to 5 x 103 Pa. Within the
operating pressure range of the gas-filled diode (10—
1072 Pa), the auxiliary discharge is ignited at a voltage
of 5-10 kV. Then, in atime of ~3 ps, this voltage lin-
early decreases to zero. Depending on the pressure, the
main glow discharge between electrodes 3 and 4 is
ignited with adelay of 1-2 ps; then, in 2-3 ps, the dis-
charge current switches to the grid electrode 5 and its
amplitude reaches 180 A, the pulse duration being
12 ps. To ensure the discharge switching to the grid
electrode 5, this electrode is directly connected to the
power supply, whereasit is connected to the cylindrical
hollow anode 4 through a resistor (R, = 100 Q). After
switching, the current to electrode 4 is about severa
amperes. The main glow discharge voltage depends on
the pressure only slightly. Thus, changing the pressure
in the system by one order of magnitude (from 10 to
2 x 107 Pa) leadsto an increase in the voltage from 800
to 900 V.

The plasma parameters near the grid electrode at the
main discharge current of 100 A were measured using
asmall cylindrical probefor two values of thegrid elec-
trode diameter: d; = 5 cm and d, = 1 cm. The probe
measurements showed that a 20-fold decrease in the
anode surface area leads to an increase in the plasma
electron density n, by one order of magnitude (from
5 x 10* to 10 cm™) and a decrease in the electron
temperature T, from ~15 to ~10 eV, which is accompa-
nied by areversion of the negative anode potential drop
to a positive one (from -8 to +1 V). At these plasma
parameters, according to the formula

KT, (2 "

where e and m, are electron charge and mass, n, is the
plasma electron density, and k is the Boltzmann con-
stant, the plasma cathode can provide an emission cur-
rent density of ~12 and ~80 A/cm?, respectively.

Recall that the extraction and acceleration of elec-
trons is enabled by a dc voltage applied to the 5-mm-
long accelerating gap between the 50-mm-diameter
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[ (a)

Fig. 2. Time evolution of (1) discharge current, (2) emission
current, and (3) collector current in the gas-filled diode for
an emissive electrode diameter of (a) 50 and (b) 10 mm.
Scales are 40 A/division and 2.5 ps/division.

electrode 5 and the accelerating electrode 6 with a 55-
mm-diameter opening.

Figure 2a presents characteristic waveforms of the
gas-filled diode current at an accelerating voltage of
15KV, a pressure of 2 x 107 Pa, and a solenoid mag-
netic field of 0.015 T. At adischarge current of 120 A,
the current in the accelerating gap was ~100 A. The
beam was transported almost without |osses to the col-
lector, which was placed at adistance of 35 cm from the
emissive grid. When the axial magnetic field created by
solenoid 8 is higher than the azimuthal magnetic self-
field of the electron beam (~0.01 T), the beam transpor-
tation through the drift channel is substantially
improved. Although the optical transparency of thegrid
electrode with a 0.4 x 0.4-mm mesh is 40%, the elec-
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tron extraction efficiency o, which is defined as the
ratio of the beam current |, to the discharge current I,
attainsa =1,/1,= 0.8. In the gasilled diode, the emis-
sion current from the grid plasma cathode depends
dlightly on the accelerating voltage. Thus, the increase
in the accelerating voltage from 2 to 15 kV increases
the emission current by only 15%. As the pressure is
decreased to 1072 Pa, the extraction of electrons and the
transportation of the beam become unstable. Both the
emission and collector currents significantly decrease,
and RF oscillations of the current occur at the leading
edge of the pulse. Such an effect of the pressure
decrease on the diode operation is explained by the def-
icit of ions, which are produced dueto gasionization by
the electron beam. The deficit of ions impedes the for-
mation of the plasma anode in the anode opening and
results in the incomplete neutralization of the beam
space charge in the drift channel.

The beam current was measured by aresistive shunt
in the collector circuit and by a Rogowski cail. It was
found that the measured current depends on the shunt
resistance. As the resistance increased, the measured
current sharply decreased. When the current flows
through the shunt, a reverse-bias voltage arises at the
collector; the plasma electron current, which is oppo-
sitely directed to the high-energy electron beam cur-
rent, appears between the collector and the drift cham-
ber. Since the density of the plasmaelectrons may be an
order of magnitude higher than that of the beam elec-
trons [5], the plasma electrons, in spite of these low
velocities, can strongly affect the beam current mea-
surements. A similar effect was observed in [6], where
the current from the collector flew through the plasma
created by a high-current beam near the collector. The
measurements by a Rogowski coil show a low beam
current after the discharge current pulse has come to an
end (Fig. 2, curve 3). To evaluate the energy delivered
by the beam to the collector in the gas-filled diode and
to estimate the beam energy losses, we carried out cal-
orimetric measurements of the beam energy. These
measurements showed that the energy of the beam does
not depend on the presence of areverse-bias voltage at
the calorimeter although the current in itscircuit varies
substantialy. Thus, we can conclude that the cal orimet-
ric measurements more adequately describe the pro-
cesses of electron extraction from the plasma cathode
and transportation of the electron beam in a gas-filled
diode.

Theinfluence of amagnetic field on the efficiency of
the transportation of an intense electron beam isillus-
trated in Fig. 3, which presents the electron beam
energy E, as afunction of the distance L between the
emissive electrode and calorimeter. It is seen that the
axial magnetic field stabilizes the beam and that the
electron motion in a magnetic field is nearly loss-free
(curve 1). Curve 2 was obtained in the absence of a
magnetic field. Figure 4 shows the distribution of the
current density over the beam cross section measured
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by Faraday cups placed behind the solenoid at a dis-
tance of 350 mm from the plasma cathode at a pressure
of P =3 x 102 Pawith (curve 1) and without (curve 2)
imposing the magnetic field. In the presence of the
axia magnetic field, the distribution shows a pro-
nounced maximum at the beam axis with wings spread-
ing beyond the initial beam diameter, which is deter-
mined by the diameter of the emissive opening.

In our experiments, the densities of the emission and
beam currents were limited by the power of the pulse-
forming line that feeds the discharge in the repetitive
mode. To obtain high emission current density, we
modified the configuration of the main discharge sys-
tem and accelerating electrode. The diameters of the
emissive opening in the grid plasma cathode and the
accelerating electrode opening were reduced to 10 and
15 mm, respectively. In such asystem, an emission cur-
rent density of up to 100 A/cm? (Fig. 2b) was obtained
at adischarge current of ~140 A, an emission current of
~80 A, and a collector current of ~70 A. An extraction
efficiency of a = 0.5-0.6 corresponds to the transpar-
ency of the grid electrode with a 0.3 x 0.3-mm mesh,
which was used in this case.

An analysis of the beam cross-section profile mea-
sured by the burning of asystem of thin Al foils showed
that, at the entrance to the solenoid, the beam diameter
was equal to the diameter of the accelerating electrode
opening; then, the beam diameter decreased to 12 mm
and remained almost unchanged until leaving the sole-
noid magnetic field at a distance of 30 cm from the
emissive opening.

ANALY SIS OF THE RESULTS

(2) In contrast to the shape of the discharge current
pulse, which remains unchanged as the diameter of the
grid emissive electrode varies (Fig. 2), both the emis-
sion and collector currents depend on the grid electrode
diameter. In particular, at a larger diameter, the emis-
sion current grows more slowly and the collector cur-
rent is delayed for ~2 s with respect to the discharge
current. Presumably, thisis related to the different den-
sities of the electron current extracted from the plasma.
At higher current and electron beam densities, the for-
mation of a plasma anode in the accelerating gap and
the neutralization of the beam space charge in the drift
channel proceed at a higher rate.

(2) The smearing of the beam current density profile
at the collector may berelated to various factors such as
the thermal spreading of the el ectron beam and the scat-
tering of electrons by the gas molecules during beam
propagation along the gas-filled drift channel. At an
energy of 10 keV and a gas pressure of 102-10 Pa,
the latter factor can be neglected because of the small
differential scattering cross section o =5 x 102 cm?.
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Fig. 4. Profile of the beam current density at the end of the
solenoid.

Thethermal spreading of the beam depends on the stan-
dard deviation [7]

T 1/2
5=t @

where t = [dz/(2eU/m)¥2 is the electron transit time

through the drift space.

After the electron beam has passed through the
accelerating electrode opening, the electron tempera-
tureincreasesto T, = T,(r,/r)?[8], where T, isthe elec-
tron temperature at the cathode, r, is the radius of the
accelerating electrode opening, and r, is the beam
radius at the cathode. When the radii differ by 50%, the
temperature increases by a factor of no more than 1.5
and, according to calculations, the spreading of the
beam does not exceed 0.8 cm. Hence, neither electron
thermal motion nor electron scattering due to eastic
collisions can be responsible for the measured current
density profile. The spreading of the beam can be
explained by the fact that the el ectrons produced due to



528

gas ionization move toward the collector; as was men-
tioned above, their density may be one order of magni-
tude higher than the beam electron density. The elec-
tron motion toward the cathode is also responsible for
the tail in the collector current after the discharge cur-
rent pulse has cometo an end. At alarge grid electrode
diameter, the peak of the collector current density at the
beam axis is due to the focusing of the beam by the
magnetic self-field in the region where the longitudinal
magnetic field has not yet been formed.

(3) At asmall grid electrode diameter, the moderate
electron extraction efficiency, which is approximately
equal to the grid transparency, is explained by the
decrease or even vanishing of the negative anode poten-
tial drop near the grid electrode.

CONCLUSION

The use of aglow dischargein high-current electron
sourcesincreasestheir servicelife. Practical implemen-
tation of the discharge in the sources of charged parti-
clesislimited by the high pressure required for igniting
and sustaining the discharge. This restriction can be
lifted by using an auxiliary pulsed glow discharge
(which can beignited at higher pressures) to initiate the
main discharge. In a plasma cathode based on this type
of discharge, we obtained emission current densities of
up to 100 A/cm?, which are comparable to the current
densitiesin plasma emitters based on arc discharges.

The gasilled diode enables the abtaining of elec-
tron beams with a higher perveance than in the vacuum
diode. The very efficient transportation of intense elec-
tron beams generated in a gas-filled diode stems from

DEVYATKOV et al.

neutralizing the beam space charge by the ions pro-
duced due to gas ionization by the beam. Note that at
currents of ~100 A and within the pressures range
under investigation (10210 Pa), applying an axial
magnetic field stabilizes and improves the beam trans-
portation.
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Abstract—Results on determining the population of the A%, electronic state of N, molecules in a gas dis-
charge using arelatively simple spectroscopic technique are reported. The technique proposed can be used not
only in pure N,, but also in nitrogen-containing gas mixtures. The populations of the metastable and nonequi-
librium B3I'Ig states of nitrogen molecules are determined. It is shown that the electron-impact excitation is a
dominant mechanism for populating the B~°’I‘Ig state. © 2001 MAIK “ Nauka/Interperiodica” .

In recent years, low-temperature plasma has found
wide applications in chemical technology and material
working. The characteristic feature of plasmochemical
methods for synthesizing materials is that long-lived
excited atomic and molecular states are used as
reagents governing the efficiency of these processes.
For example, when synthesizing aluminum nitride
films at various substrates, the threshold reaction
energy decreases if aluminum atoms or nitrogen mole-
cules are in excited states. One way of decreasing the
reaction threshold isto excite electronic levels of nitro-
gen molecules in a glow-discharge plasma. Molecular
nitrogen has the AT, metastable state with an excita-
tion energy of 6.7 €V and alifetime of 1 s[1].

The aim of this paper is to determine the absolute
population of the A3z, state of molecular nitrogen and
its main excitation mechanisms.

The glow discharge under study was excited
between aluminum electrodes in a quartz tube 25 mm
in diameter. The discharge-gap length was 32 cm. The
discharge was powered by a dc power source providing
adischarge current of up to 150 mA. The discharge was
initiated in nitrogen at pressures from 0.3 to 1 torr.

Radiation passed through the side surface of the
tube was focused with a condenser system into a har-
row beam 6-8 mm long and was directed onto a dlit of
an STE-1 spectrograph with a 300-line/mm grating and
glass prism, the dit width being 8 um. The system mea-
sured the radiation spectrum within the wavelength
range 4500-9000 A. The dispersion in the wavelength
region near 5500 A was ~9.4 A/mm. To obtain the
absolute intensity of molecular bands, the system was
calibrated with an Si-6-200 reference lamp. The popu-
lation of the B, state of molecular nitrogen was
determined from the intensity of the electronic-vibra-
tional band sequence Av = 4 of thefirst positive system

of nitrogen (the transition BT, — A%%) [2]. The
intensity of the electronic-vibrational transition was
found from the area S, - under the curve x) describ-
ing the variation in the observed blackening of the
given band aong the spectrograph coordinate. The
main processes resulting in the excitation of the B3,

state are the ion—electron recombination N, + e +
e — NZ(B3I'Ig) + e and the electron-impact excitation
Nz(x) + e — NZ(le_lg) + e.

In order to reveal the mechanism for populating the
B3I'Ig state, we measured the dependences of the band
intensities of the first positive system on the discharge
current 50-150 mA at various nitrogen pressures. Fig-
ure 1 shows the dependence of the intensity of the
5959.0-A band of the first positive system of nitrogen
for the same value of the gas pressure (0.5 torr), but for
different values of the discharge current (50-150 mA).
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Fig. 1. Intensity of the 5959.0-A band of the first positive
system of nitrogen as a function of the discharge current at
apressure of 0.5 torr.
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Fig. 2. Intensity of the 5959.0-A band of the first positive
system of nitrogen as afunction of the nitrogen pressure for
adischarge current of 100 mA.

It is seen that, as the discharge current increases, the
intensity of the band grows, which is explained by the
increase in the electron density [3]. Theincreasein the
intensity may be due to the increase in both the rate of
recombination processes and the electron—molecule
collision frequency, which results in the excitation of
the B3, state of molecular nitrogen.

Figure 2 shows the dependence of the intensity of
the 5959.0-A band of the first positive system of nitro-
gen on the pressure (0.3-1 torr) for the same value of
the discharge current (100 mA). The other bands of the
system behave in a similar manner. As the pressure
increases, the intensity of the band decreases. The
decrease in the intensity of the bands with increasing
gas pressure is due to the fact that T, drops because the
electron mean free path decreases and the number of
events of stepwise ionization and vibrational excitation
of moleculesincreases, which leadsto adecreasein the
mean electron energy [3]. As a result, the excitation
efficiency of the 83ﬂg state decreases, whereastherates
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Fig. 3. Populations of (a) B3y and (b) A%, states of nitro-
gen as functions of pressure for a discharge current of
100 mA.
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of ion-recombination processes remains unchanged
(provided that the densities of charged particles in the
plasma remain constant). It follows from the above
considerations that the direct electron-impact excita-
tion of the B, state is dominant.

The population of the vibrational levels was calcu-
lated from the intensities of radiation bands by the for-
mula[4]

dA
KA TIS,
IhVv'v"Av'v" , (1)

N, =

where zl—i\( istheinverse dispersion determined from the

spectrogram, | is the length of the viewed part of the
positive discharge column, K(A, Ty) is the calibration
factor, and A~ is the transition probability.

Summing the determined values of the population
of individual vibrational levels, we obtain the popula-
tion of the B, electronic state of molecular nitrogen.

To determine the absolute population of the B3,
dtate, it is necessary to take into account the radia dis-
tribution of molecules in the discharge tube. Since the
electron impact is the main mechanism for the excita-
tion of the BT, state, the radial distribution of mole-
cules exactly coincides with the radial distribution of
electrons. The radial distribution of electrons in the
cylindrical tubeis given by the expression [5]

- o
N(r) = CJO%AOSrOD )
where r, is the discharge-tube radius, C the constant

determined from the boundary conditions, and J, isthe
zero-order Bessel function of the first kind.

From the integral population, taking into account
the Bessdl radial distribution of the electron density (2),
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Fig. 4. Populations of (a) B3, and (b) A%, states of nitro-
gen as functions of the discharge current at a pressure of
0.5torr.
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DETERMINATION OF THE POPULATION

The main processes of populating and depopulating the A%, state in a discharge [6]

531

Process no. Process Rate coefficient, cm3 st
1 Ny(X, V') + & —= No(A, V) + e 0.1-2.3x 101
2 N,(B, v') —= Ny(A, v) + hv(1%) 12x10°s?
3 No(B, V) + No(X, V") —= No(A, v) + No(X, V") 1.3-7x 10
4 No(X, V') + No(X, V') — Ny(A, v) + Nx(X, V' —Av) <1076
5 No(A, V) + No(X, V') —= No(B, V') + No(X, V' —AV) ~10710
815 T
6 No(A, V) —= No(X, ... O EEEIREREPS]
2AA, V) A% ..0) Cp(To)LB00C]

we calculated the population of the B3, state (at the
discharge axis) under different glow-discharge condi-
tions (Figs. 3, 4, curves a). The obtained values of the
density of the B[, state can be used to determine the
population of the A%, state.

The main processes of populating and depopul ating
thisstatein aglow discharge arelisted in the table. The
contribution from process 4 to the population of the
A3, stateis small because of the low rate coefficient of
this process and the low density of particles in the
ground state (~10* m3),

The main contribution to the population of the A%,
state in the discharge comes from the direct electron-
impact excitation of molecules (1), the deactivation of
the B, state through radiative transitions (2), and
guenching this state by nitrogen molecules (3). The
processes of the excitation of the B3, state with the
participation of metastable molecules (5) and its
guenching by nitrogen molecules are not reversible in
detail. However, they almost balance each other. The
deactivation of the A3%, state occurs at the wall (6); the
rate of this process depends on the density of the diffu-
sion flow of metastables.

The metastable density was evaluated from the bal-
ance eguation

DmANm = ANB + kl.lNOr‘e! (3)
where D,, is the diffusion coefficient of metastables
(=108 cm? s) [7], N,, is the population of the A%,
metastable state, N is the population of the B3, state,
k, , isthe rate coefficient of the electron-impact excita-

TECHNICAL PHYSICS Vol. 46 No.5 2001

tion of molecules, N, isthe population of the X'X, state,
Aisthe probability of the B, — A3%, radiative tran-
sition, and n, is the electron density.

Curvesb in Figs. 3, 4 show the calculated values of
the population of the A3, state at the discharge axis
under different discharge conditions. It is seen that the
population of the A%z, state increases as the current
increases or the pressure decreases. This is evidence
that the A3, state is populated through the direct elec-
tron-impact excitation of molecules from the ground
state and deexcitation of the B3I, state.
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Abstract—A study is made of stable and unstable el ectromagnetic surface waves at the boundaries of the plane
and cylindrical relativistic plasmastreamsin the frequency range corresponding to positive values of the plasma
permittivity. It is demonstrated that there are critical parameters for the transition from slow to fast waves,
namely, the angle between the velocity and the wave vector in plane geometry and the smallest mode number
in cylindrical geometry. It isshown that the critical parameter for the onset of the firehose instability of an elec-
tron stream is the transverse size of the stream. Higher firehose modes of the stream are shown to be suppressed
by applying a strong longitudinal magnetic field. © 2001 MAIK “ Nauka/lnterperiodica” .

INTRODUCTION

A number of phenomena revealed when studying
the emission of e ectromagnetic waves and their propa-
gation in moving beam—plasma media are important
not only for the development of fundamental problems
that link plasma physics with electrodynamics of mov-
ing mediabut also for some practical applications, such
as plasma microwave electronics and experimental
physics of linear accelerators. An analysis of the condi-
tions for the generation of electromagnetic waves is
also of interest for studying some phenomena in mov-
ing plasmasin the Earth’sionosphere and in space.

Real plasmastreams and charged particle beams are
bounded. As a result, the dispersion properties of sur-
face waves that arise at their boundaries may differ
greatly from those of waves in unbounded media. Sur-
face waves belong to alarge class of waves that propa-
gate along a certain surface and whose field decreases
sharply either in one direction away from this surface
(one-sided surface waves) or in both directions (true
surface waves). Thus, a one-sided surface wave can be
excited when an electromagnetic wave is totaly
reflected from the interface between two dielectric
media, provided that it is incident from the side of a
medium with alarger refractive index. The existence of
true surface wavesis associated with the nonzero imag-
inary part of the surface impedance [1], in the case of
which therefractiveindex of one of the dielectric media
should be complex [2]. In particular, in the absence of
losses, this situation takes place in a plasmawith aneg-
ative permittivity (€ < 0). Surface waves cannot exist at
the interface between two immobile media with posi-
tive permittivities. However, Barsukov and Kanareikin
[3] showed that the relativistic motion of one of the
media can give rise to an el ectromagnetic surface wave
even at the tangential discontinuity in the velocity of a
homogeneous medium with € > 0. Analogoudly, a sur-
face wave can be excited at the tangentia discontinuity
inthe velocity of acompressed gas[4, 5]. In both cases,

anecessary condition for the existence of surface waves
is that the medium be anisotropic because of the
appearance of a preferential direction of motion. This
conclusion is confirmed by the existence of surface
waves at the interface between an isotropic medium
and acrystal and at a crystal—crystal interface [6, 7].

The instability of beams and bunches in such sys
tems has not yet been analyzed. On the one hand, the
electromagnetic instability of a beam can be used to
convert the beam kinetic energy into field energy in a
medium, which isthe desired effect. On the other hand,
the parasitic electromagnetic instability of a beam is a
serious obstacle to achieving high operation efficiency
of wakefield accelerators [8] and devicesin relativistic
plasma microwave electronics [9] because it may lead
to the decay of the beam. The goa of this paper is to
study this problem. In particular, we consider one of the
physical mechanisms for hydrodynamic instabilities of
relativistic electron streams, specifically, the mecha
nism associated with the onset and growth of electro-
magnetic surface waves at the beam—plasma interface.
The most interesting case (which has been studied very
little) isthat with € > 0, i.e., with the positive permittiv-
ities of both of the contacting media (the immobile
plasma and the stream). In this case, the instability can
be associated with the generation of both the longitudi-
nal space-charge waves of the stream [10] and electro-
magnetic surface waves at the interface between mov-
ing and immobile plasmas. We show that, in the latter
case, the instability occurs when the wave vector of the
surface wave is noncollinear with the velocity vector in
a medium. In cylindrical geometry, this instability is
associated with the excitation of asymmetric surface
waves. When the electron beam is sufficiently curved,
the first mode of thisinstability isthe so-called firehose
instability of an electron beam, which was studied in
[11-13].

1063-7842/01/4605-0532%$21.00 © 2001 MAIK “Nauka/Interperiodica’
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BASIC EQUATIONS FOR A RELATIVISTIC
ELECTRON BEAM IN A PLASMA

The waves excited in a relativistic beam—plasma
system can be studied using a phenomenological
approach inwhich arelativistic electron beam istreated
as a moving continuous medium. This approach is
equivalent to a hydrodynamic description of the beam—
plasma system, which, unlike a more exact kinetic
description, does not take into account some important
features of the excited waves (in particular, their damp-
ing due to the thermal motion of the charged particles)
[14]. However, in the frequency range in which the
phase velocity of the excited waves is comparable with
the velocity of the relativistic beam and is substantially
higher than the thermal velocity of the charged parti-
cles, the main properties of the wave processes in a
beam-—plasma system can be described using the hydro-
dynamic approach.

In the phenomenological approach, an electron
beam istreated as aplasmastream (with permittivity €),
which moves with the velocity V = pc (where c is the
speed of light) with respect to an immabile background
plasma. Such asystem isdescribed by Maxwell’s equa
tions

_ _1oB
DxE__cdt’ @

_ 10D
DXH—Cat, (2
OB = 0, €)
0D =0 (4)

supplemented with the Minkowski constitutive rela-
tions for amoving medium [15]:

B+Exp = H+Dxp,
D+BpxH = gE+pBxB),

where E and H are the electric and magnetic field
strengths and D and B are the electric and magnetic
inductions, respectively.

Equations (5) apply to an arbitrary anisotropic
medium with a complex permittivity tensor €. In par-
ticular, the permittivity tensor of a gyrotropic medium
has the form [15]

©®)

€, ig 0
é: —|g ED 0| (6)
0 0 ¢

where g, and g are the transverse and longitudinal per-
mittivities, respectively, and g is the gyration coeffi-
cient.

On the other hand, we can switch from the constitu-
tive relations (5) to the equations

B = H, Di = éIJE]
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However, in thisway, we are faced with the problem
of calculating the permittivity tensor € using a particu-
lar model of amedium (in [16], the corresponding cal-
culations were carried out for a relativistic electron
beam in an immobile magnetized plasma).

In order to apply the phenomenol ogical approach, it
isnecessary to determine the permittivity of the moving
medium using the equations for particle motion and
also to impose the conditions on the equilibrium states
of the beam and plasma. In view of this, we use the phe-
nomenological approach to study surface waves at the
boundary of a neutralized relativistic flow (plasma
stream) in an immobile plasma.

SURFACE WAVES AT THE BOUNDARY
OF A MOVING PLANE PLASMA SLAB

Itiswell known that, in order for atrue electromag-
netic surface wave to exist at the planar interface
between two media, the permittivities of the media
should be opposite in sign: €, > 0and €, < 0[15]. The
relativistic motion of one of the media (e.g., the motion
of ahigh-current beam in aplasma) can giveriseto qual-
itatively new effects. Thus, Pikulin and Stepanov [17]
showed that, at the tangentia discontinuity in the veloc-
ity of a nondispersive homogeneous medium, there are
no surface waves whose transverse wave vector kK iscol-
linear with the velocity V of the motion of the medium.
On the other hand, if the vectors k; and V are noncol-
linear and the angle between them is ¢, then there exists
acritical angle ¢, such that, for ¢ > ¢, surface waves can
be excited at the tangentia discontinuity in the velocity
of a homogeneous medium whose permittivity on both
sides of the discontinuity is positive [10, 18].

Along with the surface waves that are stable at the
tangential discontinuity in the velocity, there exist
growing electromagnetic surface waves that trigger a
hydrodynamic instability of the plasma streams. The
relativistic motion of a plane plasma dab givesrise to
the Cherenkov instability (via the excitation of waves
propagating away from the boundary in the external
dielectric medium [10]) or to the instability of surface
waves, provided that the plasma is immobile [18].
However, the analysis carried out in [10, 18] applies
only to surface waves whose wave vector is collinear
with the velocity of a medium.

Let a plane plasma slab with thickness 2h and per-
mittivity €, move with the velocity V = Bc in an immo-
bile medium with permittivity €,. In Cartesian coordi-
nates, the velocity has the form B = (0, B,, B,), and the
transverse wave vector k is directed along the z-axis.
From Maxwell’s equations (1)—(4), constitutive rela
tions (5), and the boundary conditions, we obtain the
following dispersion relation for surfacewavesin apla
nar waveguide filled with a moving plasma:

(g, S+ Slnz)(n1§1 +13)

2 202 )
= (&,—-1)(e,—=1)N"Y B,
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Fig. 2. Real and imaginary parts of k = w/c vs. the angle ¢
between the vectors ki and V for the surface waves at the
tangential discontinuity inthe velocity (light curves) and for
the surface waves of a moving plane slab (heavy curves).

where N =n?—g, N; =N?-1-(e,— YyA1-np)?
n =kJ/k k=w/c, k, =k, andy= (1 -p>2

Equation (7) describes waves whose field compo-
nent E, is symmetric [S = coth(khn,] about the yz
plane and waves with an antisymmetric [S =
tanh( khn,)] field component. For a tangential discon-
tinuity in the velocity of a homogeneous medium
(when g; = &,), symmetric and antisymmetric waves are
both described by Eg. (1). For h — +oo, the mutual
influence of the boundaries is negligibly weak, so that
Eq. (1) passes over to the following dispersion relation
for surface waves at a plane boundary between two
media moving with respect to one another [3]:

(N1 + €M) (N1 +1N2) = (82— 1)(82— 1INV By (8)

Figure 1 illustrates the dependence of the propaga-
tion constant k, on the angle ¢ between the vectors k;
and V for the surface waves of a moving plane plasma
slab. Theresultswere obtained for the parameter values
k=1lcm? B=0.941, y=296,and €, =&, = 0.5. Out-
side the dab, the surface wave amplitude decreases

SHEINMAN

exponentially away from the boundaries. Inside the
slab, surface waves can be divided into two groups:

slow surface waves (for r]i > 0) and fast internal waves

(for n3 < 0). In contrast to the case of an isolated tan-

gential discontinuity in the velocity (when the surface
waves cannot propagate at angles smaller than acertain
critical angle ¢, between the vectorsk; and V [3]), the
critical angle ¢, for the surface waves of aplane plasma
slab corresponds to the transition from fast to slow

waves. The critical angleisthe largest for S= /g, /¢,;
at g, = &,, thiscorrespondsto h — +c0. The thinner the

dab, the smaller the critical angle. For sufficiently
small values of h, fast internal waves do not exist.

Along with stable solutions, Eq. (1) has solutions
that grow in time or space and describe the onset of
absolute or convective instabilities of a plane plasma
dlab, respectively.

Figure 2 showstherea and imaginary parts of k cal-
culated as functions of the angle ¢ between the vectors
kyandV for surface waves at the tangential discontinu-
ity in the relative velocity between two media and for
the surface waves of amoving plasmaslab. The profiles
in Fig. 2 were obtained by solving Egs. (7) and (8)
numerically at a fixed real propagation constant k, for
the parameter values k, = 1 cm?, n, = n, = 1.4 x
10" cm3, B = 0.999, y = 22.4, and h = 1 cm. In the
ultrarelativistic limit, the tangential discontinuity in the
velocity is stable against surface waves whose wave
vector is paralel to the velocity of a medium, but it is
unstable against surface waves propagating at angles
larger than a certain critical angle ¢. For a moving
plane plasma dlab (stream), the critical angles above
which symmetric and antisymmetric (about the yz
plane) surface waves start growing are different; the
angular range in which the stream is stable is governed
by the smaller of the critical angles.

SURFACE WAVES OF A CYLINDRICAL PLASMA
STREAM

As has been noted previously, at a planar interface
between two media, surface waves can exist only when
the permittivities of the mediaare oppositein sign [15].
In cylindrical geometry, this condition on the permittiv-
ities is retained; however, for media moving at relativ-
istic velocities, there exist new interesting effects that
are associated with the multimode structure of the
excited waves [19, 20] and have not yet been studied.

We consider acylindrical plasma stream with radius
R and permittivity €,, moving in an immobile medium
with permittivity €,. Let the plasmain the stream move
along its symmetry axis (the z-axis) at a constant veloc-
ity V = Bc, where c is the speed of light.

From Maxwell's equations (1)—(4), constitutive
relations (5), and the boundary conditions, we obtain
TECHNICAL PHYSICS Vol. 46
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the dispersion relation

e:S-68)8-5) = B -1 @

R n
where
_ Ky(kRn,) _ 1y(kRny)
ST KRR 2 ol (KR

[,(x) and K,(x) are modified Bessel functions, n = kJ/k,

N =yA(L-&89n + (2~ 1)B), N1 =n?—€y, N =N2—
1-(s,—1)y¥(1-nP)? and k = w/c.

Dispersion relation (9) describes surface wavesin a
waveguide formed by arelativistic beam propagating in
aplasma. In thelimit in which the waveguide radiusis
much larger than the characteristic transverse dimen-
sion of the surface wavefield, Eq. (9) passesover to dis-
persion relation (8) for a plane tangential discontinuity
in the velocity.

Figure 3 illustrates the propagation constant k, as a
function of the dimensionless waveguide radius kR for
€,=¢,=05k=3cm?, and 3 =0.999 (y=22.4). The
heavy curvesrefer to the slow waves of the waveguide:
the radia profiles of the fields E and H of these waves
are described by modified Bessel functions both inside

and outside the waveguide (02 >0, n5 > 0). The light
curves refer to the fast waves of the waveguide: the
radial profiles of the fields E and H of these waves are
described by conventional Bessel functions inside the
waveguide and by modified Bessel functions on the

outside (n; >0, N3 <0).

For v = O, the dispersion relation has no roots,
which, in planar geometry, corresponds to surface
waves propagating in a direction parallel to the direc-
tion of motion of the medium. For a given radius of the
stream, the slow waves with mode numbers larger than
acertain critical mode number can only be excited; i.e.,
the dispersion relation has real rootswhenv >v,.

In contrast to slow waves that can be excited at the
interface between two media and whose amplitude
decreases exponentially with distance from the inter-
face on both sides of it, fast waveguide waves can exist
only when the waveguide is bounded in space. In plane
geometry, fast waves are excited in a waveguide with
two boundaries: inside the waveguide, the wave ampli-
tude is described by the harmonic functions and, on the
outside, it decreases exponentialy away from the
waveguide boundaries. In acylindrical waveguide, fast
waves can be excited at v < v,.

If the propagation constant k, is treated as a root of
dispersion relation (9) at afixed real k = w/c, then we
obtain waves whose amplitude increases with z when
the imaginary part of the solution is negative. In con-
trast, if wetreat k, asareal parameter and k as aroot of
dispersion relation (9), then the positive imaginary part
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Fig. 3. Propagation constant k, vs. the radius R of the plasma
streamforv =(1,4) 1, (2, 5) 2, and (3, 6) 3. Curves 1-3 cor-

respond to slow wav&s(ng >0), and curves4—6 refer to fast
wav&(r]g <0).
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Fig. 4. Growth rate Im(k) of the nonresonant instability vs.
the dimensionless waveguide radius kR,

of the frequency w = kc isthe temporal growth rate d =
Im(w).

Let us analyze the instability related to the onset of
the first mode of the surface wave in more detail. Sub-
stituting the relationship w = wy, + id into the expression
for the perturbed electron density n and representing
the resulting formulain the real form, we obtain

n(r,8,zt) = n(r)exp(dt)cos(O + k,z— wyt).

We can seethat, for k,z— wyt = const, agrowing heli-
cal wave causes the beam particles to be displaced in
the same direction, thereby forcing the beam to bend.
For n ~n, the model of arigid cylindrical stream fails
to hold and the instability associated with the excitation
of the first mode of asymmetric surface waves is the
firehose instability of an electron beam, which was
studied in [11-13].

Figure 4 shows the growth rate (divided by the
speed of light) of the nonresonant instability associated
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with the excitation of slow surface waves as afunction
of the dimensionless waveguide radiusk,R for k=1 cm?,
B=0.999 (y=224),n, =141 x 10" cm™3, n, = 3.12 x

1012 cmr3 (in which case we have g, = 1 - k3, /k2 = 0.5,
£0=1- Koo /Y2 =05, and K5, , = 412N, ,/mc?).

Note that, for v = 0, dispersion relation (9) has no
unstable solutions. In plane geometry, this corresponds
to surface waves propagating in the direction parallel to
the velocity of the medium. For v # 0 and the fixed
stream radius, the surface waves with the mode num-
bersv > v can only be excited. For a sufficiently large
stream radius, the moving-plasma—immobile-plasma
system is stable against the excitation of the lowest
modes. Therefore, we can eliminate, e.g., thev = 1
mode, which grows at the fastest rate and can give rise
to a firehose instability of the stream. In other words,
for the unstable solutions (in contrast to the stable
ones), the critical parameter is the radius of the cylin-
drical stream below which the first mode of the surface
waves can be excited.

In this section, we have shown that, in a system
formed by arelativistic plasma stream and an immobile
plasma, both stable and growing non-axisymmetric
electromagnetic surface waves can exist in the fre-
guency range in which the permittivity is positive on
both sides of the tangential discontinuity in the veloc-
ity. We have found that, for the given parameters of the
stream and the plasma, the critical parameter for the
existence of a solution to the dispersion relation is the
lowest mode number below which the fast waves with
a spatially oscillating field can only exist inside the
waveguide. In plane geometry, an analogous critical
parameter is the critical angle between the vectors 8
and k. The growth of the first mode of unstable surface
waves can be interpreted astheinitial phase of the fire-
hose instability of an electron stream. For given values
of B, €, and w, the critical parameters that govern the
onset of instability in a moving-plasma—immobile-
plasma system are the number of the lowest allowed
mode and the transverse size of the stream.

SURFACE WAVES OF A CYLINDRICAL
RELATIVISTIC MAGNETIZED PLASMA
STREAM

Let us consider a nonrotating cylindrical relativistic
plasma stream of radius R, moving with velocity V in
an immobile plasma. The spatial spreading of the
stream can be prevented by applying a sufficiently
strong longitudinal magnetic field B, [21], so that both
the moving stream and immobile plasma are gyrotro-
pic. When the magnetic field energy is much higher

than the energy of the stream, BS /811> n W (where W

is the electron energy in the beam), the stability prob-
lem is treated in the electrostatic approximation, with-
out allowance for magnetic perturbationsin the system
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[21-23]. However, the densities and energies of the par-
ticle beams in modern-day experimental devices are so
high that the conditions for the validity of the electro-
static approximation may be difficult to satisfy. On the
other hand, in addition to potential electromagnetic
waves, whose phase vel ocities are much lower than the
speed of light and which can be described in the elec-
trostatic approximation, there can also be nonpotential
surface waves, whose phase velocities are comparable
with the speed of light and which, under certain condi-
tions, may cause the stream to become unstable [24]. It
is this type of waves that are used for wakefield accel-
eration of charged particles. In this connection, it is of
interest to solve the problem of the surface waves of a
relativistic plasma stream by exactly analyzing Max-
well’s equations for a moving gyrotropic medium.

For an immobile gyrotropic medium, nonpotential
surface waves at the boundary of the plasma column
that partialy fills a cylindrical metal waveguide was
considered by Kondratenko [25]. The emission of elec-
tromagnetic radiation during the excitation of surface
waves by an electron beam in a bounded magnetized
plasma was studied in [24, 26, 27]. It is worth noting
that, in all of the cited papers (except for [21, 28]), an
analysis was made of the axisymmetric surface waves
of acylindrical plasma stream. However, in the param-
eter range in which no axisymmetric surface waves can
exist, the higher unstable modes of the plasma-filled
waveguide can occur. Non-axisymmetric modes in
metal waveguides filled completely with a plasmawere
investigated in [21, 24, 28].

We substitute the Minkowski constitutive relations
(5) with permittivity tensor (6) into Maxwell’'s equa
tions (1)—(4) in order to obtain the dispersion relation

Qe1Qn2 = Qe2Qn1, (10)
where
Qu = é(T—szJ-Z*HSz,-(I)z;
_¢2j(512¢12 =S11011) = 9110 1:(S, — Spy)
b0y ’
Qg = é(%;r—l*)ﬂuz%j
_5||1(¢2j(512—511)—(Slz¢11—811¢12))
b0y ’
7 = [erliz_glrlilm 7+ = UJZﬂ;z_glr]’{ZD
* Hw, w, O 0w, w, O
2 2
_ [ U _ Nij—Nei
T= EWZZ_VVlB b = Joiz =,
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1
Nz = 3(Nf +NE (N +nE)" + 4e,00),

2
nﬁi = g—'(nfzeuﬁnfi(eéi—g?)),
02

2

2
EiiYi, « i *
g = SY (ni Z_r]-)zcielji)v o = g—_gin*ini ,
O Qi
S, = K:/(kRnlj) - I:)(er]Zj)
J N1 Ky (KRNy;)’ ) N2;ly(KRNy;)’

u = Viz((ﬂi*z—sminii)(ni* +eqBin,) +niil3igi2)v
n 2
W = viz((ni z—suinfi) _r]iigiz)1

Nei = 1-nB, nF =n-B, v, = (1-B)"",

n =k/k, k=wlkc, B,=0 PpB,=Vl

For a sufficiently strong longitudinal magnetic field

such that k, > knpy, and k;, > k;, where k; = wy/c,
k.= wJc, wy = 4TEPN/m is the squared plasma fre-
guency, and w, = eBy/mc isthe cyclotron frequency, dis-
persion relation (10) can be simplified to

(612~ €1nS2)(Sa—Su) = 150" (Sa—Su)
2 (12)
+ 4 (€S —&1S) ) — kZ_RZ(Z* ¢* —TZ)-

Now, we determine the growth rates of the instabil-
ity of a relativistic magnetized plasma stream associ-
ated with the excitation surface waves. For a cold mag-
netized plasma stream, the condition for the surface
waves to be in resonance with the longitudinal space-
charge waves, k = kg + kj(where ky = Bk, and [k{ < ko),

splitsinto the following resonance conditions:
K = ko+sk/y+ks, [k < kot skely,

12

s=0,=+1. (12)

The s = 0 resonance is commonly referred to as a
Cherenkov resonance, and thes =1 and s = -1 reso-
nances are called cyclotron resonances associated with
the normal and anomalous Doppler effect, respectively.
Among all these resonances, the s = 0 resonance is the
only one that can give rise to the instability of a nonro-
tating stream. The other resonances cannot result in an
instability, because the energy of the transverse motion
of the beam electrons in a magnetic field is equal to
zero and, thus, cannot decrease during the excitation of
TECHNICAL PHYSICS Vol. 46
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surface waves, as they should for s = 1. For this rea
son, waves with phase velocities above the speed of
light cannot be excited, because condition (12) fails to
hold for n< 0 and w > |k,|c [29].

We consider the Cherenkov resonance of surface
waves with longitudinal beam oscillations: k = ky + k[
where ky = Bk, and |k < ky. Using the above expres-
sions for the elements of the permittivity tensor of a
moving cold plasma, we obtain the following two
weakly coupled equations for the E and H waves:
Qg = 0and Qy; = 0. The equation for the E waves can
be solved analytically:

ko O v | K,p° O
k* = Z_OZEﬂ-ilﬁ %Bsﬂ (13)
By O kKeko€my O

The condition [k < k, implies that, for solution (13)

to be valid, it is necessary that y > 1. For nonzero
modes, solution (13) is complex, which indicates that
the stream is unstable against non-axisymmetric sur-
face waves.

For an arbitrarily strong longitudinal magnetic field
and [k{ < ko, dispersion relation (11) splitsinto thefol-

lowing dispersion relations for the E and H waves:

\Y)
€S —€pSe = @Z* )

S-Sy =0,
where

_ kI(TeR) _ kKy(TeR)
e2ly(Te2R) 1Ky (TerR)

kl,(T,R) kK, (Tw:R)
ST T TR ST Tk, (TR

2l (T2R) n1Ky(TR)

k2 ks
T|2-|2 = Tﬁl = 2_021 21,2 = SI|1,22_02'

For g, > 0, the stream can be unstable against E-type
surface waves:

k* 1,2

_ £pSVKeaB’ + kioB VB, + (B — £l Shly DRk
koRKe(€]1 S~ YB%)
For the onset of the Cherenkov instability associated

with the excitation of the zeroth mode of a plasma
waveguide, it is necessary to satisfy the condition
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€S, — Y2 > 0, in the case of which the instability
growth rateis equal to

& = kpoBy (ehSL-yBY) .

The condition for the excitation of non-axisymmet-
ric surface waves has the form

v2y2[34k?,2

2 212
€ -yB - >0. (19)
Hlﬁz kSRZki

Recall that, in an unmagnetized plasma, a nonreso-
nant instability occurs at v = vg. In contrast, in a
strongly magnetized plasma, the modes with numbers
v < v, are unstable; the larger the ratio of the mode
number to the stream radius, the lower the instability
growth rate. In the ultrarelativistic limit, condition (14)
for the onset of a resonant instability fails to hold and
the application of a strong longitudinal magnetic field
suppresses instabilities associated with the transverse
motion of the plasma electrons[30].

CONCLUSION

We have considered model problems in order to
analyze the characteristic features of electromagnetic
surface waves that can be excited at the interface
between a relativistic plasma stream and an immobile
plasma and that give rise to a nonresonant hydrody-
namic instability of the stream in the frequency rangein
which the permittivity is positive on both sides of the
discontinuity.

For the stable surface waves of a plane plasma dab
moving at arelativistic velocity in animmobile plasma,
there is a critical angle between the wave vector of the
surface wave and the direction of the slab mation; this
angle corresponds to the transition from slow surface
wavesto fast waves. In cylindrical geometry, therole of
the critical parameter for the existence of stable slow
surface waves is played by the lowest mode number
below which the fast waves can only occur.

The growing surface waves give rise to the instabil -
ity of ardativistic plasma slab; the instability growth
rate depends on the angle between the wave vector of
the surface waves and the direction of the slab motion.
The critical angles above which symmetric and anti-
symmetric (about the median plane of the slab) surface
waves start growing are different; the angular range in
which the surface waves are stable is governed by the
smaller of the critical angles. In a cylindrical plasma
waveguide with given values of the velocity and density
of the plasma stream, the critical parameter for the
instability is the transverse size of the waveguide at
which the lowest mode is excited. Applying a strong

SHEINMAN

longitudinal magnetic field suppresses higher unstable
modes that are associated with the transverse displace-
ment of plasma particles.

In relativistic plasma microwave electronics, the
surface waves under consideration can be used to gen-
erate electromagnetic waves in directions different
from the direction of the plasma stream motion. The
calculations carried out with allowance for the parasitic
character of higher unstable modes in wakefield accel-
erators show that an electron beam should be addition-
ally focused, e.g., by applying a strong externa longi-
tudinal magnetic field.
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Abstract—The existence of a shear homogeneous plane wave trapped by a strip domain moving uniformly in
a tetragonal ferroelectric crystal is demonstrated. Using the nonrelativistic quasi-static approximation and a
change to the moving frame of reference, the solution is obtained and the dispersion relation is derived for the
spatial spectrum of the trapped wave. The uniqueness of the solution is established in the case of the multiple
degeneracy of the roots of the characteristic equation when the trapped wave contains an attached wave in the
strip domain. The trapped wave is shown to correspond to the antisymmetric mode of the electroacoustic wave
of the strip domain at the initial point of the spectrum branch. The specific features of the spatial resonance of
the trapped wave with a shear wave obliquely incident on the strip domain are considered. © 2001 MAIK

“Nauka/Interperiodica” .

INTRODUCTION

From the viewpoint of acoustic spectroscopy of
polydomain crystals[1], the acoustodomain interaction
in ferroelectrics becomes increasingly attractive as its
mechanisms become better understood. For example,
on the basis of controlled domain structures, a variety
of tunable data-processing devices operating on acous-
tic waves were proposed [2—4]. When such devices are
switched or tuned, the domain boundaries (DB) inthem
can move, which should be taken into account in con-
sidering the effects of the acoustodomain interaction.

The acoustodomain interaction that occurs under
the conditions of a given uniform motion of domain
boundaries had been studied earlier [5] for the case of
the shear wave refraction by a 180° domain wall in a
BaTiO;-type ferroelectric. The results of this study
were used to evaluate the efficiency of the parametric
transformation of atone signal by the transverse motion
of DB [6]. In particular, it was shown that a frequency
(Doppler) transformation of acoustic pumping with a
rotation of the wave normal in the direction of the DB
motion is possible. This effect manifests itself as the
shear wave being engaged in the transverse propagation
by the moving DB because of the coupling through the
piezoel ectric polarization charges. Therefore, aconcept
was put forward [7] that ferroel ectrics with moving DB
exhibit a specia kind of natural wave motion, which
was called the trapped wave. Being similar to a homo-
geneous harmonic wave propagating at an angle to the
trapping domain walls in the direction of their motion,
the trapped wave is characterized by the transverse
propagation determined solely by the DB motion and
manifestsitself as atransferred disturbance.

Since the attempts to represent the carrier of the
trapped wave as a single moving DB failed, it was

assumed [7] that thisrole is played by a strip domain
(SD) formed by two paralel 180° domain walls. The
theoretical results obtained with this model [7] were
not quite faultless because of an accidental error. The
aim of the study described in this paper is to settle the
doubts upon the existence of the trapped wave and to
describe the properties of the latter and its relationship
with other types of natural waves. To make the results
more evident, we consider the wave motion not in the
laboratory frame of reference asin [7], but in the mov-
ing frame of reference connected with the moving SD
(below, we call it the SD rest frame for brevity). How-
ever, in some cases, we compare the results obtained in
the two frames of reference when such acomparisonis
worthwhile.

BASIC EQUATIONS AND BOUNDARY
CONDITIONS

We consider a ferroelectric of class 4 mm with the
fourfold axis being parallel to the z-axis of the labora-
tory coordinate system x0yz. The ferroelectric contains
an SD with two 180° DB that are paralld to the (010)
plane and arethin as compared to thewavelength: kA < 1,
wherek is the wave number of shear wavesand A isthe
geometric thickness of the DB. In order to eiminate
any noticeable structural sensitivity of the DB to the
motion conditions because of the appearance of not
only spontaneous polarization but aso spontaneous
deformation in the domains [8, 9], we restrict our con-
siderationto the SD velocities\;, ||y ||[010] that are not
too close to the Cerenkov sound limit ¢, i.e, to the
velocity of shear waves in a single-domain crystal. We
also assume that the ferroelectric is far from the phase
transition. In the conditions specified above, the motion
of the SD can be considered as preset with Vp = congt,
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and the DB can be considered as thin, structureless
180° domain walls with the current coordinates

y1 = Vpt, Y, = Vpt+d, 1

wheret istime and d is the thickness of the SD.

The latter assumption isknown [9] to be appropriate
in the case of DB in BaTiO;-type ferroelectrics within
the entire ultrasonic frequency range. By convention|[1,
10-13], aferroelectric with an SD can be likened to a
piezoelectric crystal twinned along the planesy =y, ».
The antiparallel orientation of the polar fourfold direc-
tions relative to the z-axis within the SD and outside it
will be expressed in this case by a change of sign of the
acting piezoelectric modulus e;s: 5 = efory, <y <y,
and e;s =—efory<y, andy >y, where eisthe magni-
tude of the piezoelectric modulus. We assume that all
other properties of the specified regions of the crystal
areidentical.

For constructing the solution in the form of ahomo-
geneous plane wave that is characterized by the dis-
placements u, u; || zand trapped by the moving SD, itis

convenient to use the SD rest frame X0yz. In this
frame of reference, the SD does not move, while the
ferroel ectric represents amedium continuously moving
asawhole (drifting in the transverse direction) with the
velacity Vp, in opposition to the real motion.

Generally speaking, the “motion” of the medium
means the relativistic nature of the solution. However,
inview of the evident limitationsVpy/c < landc/c <1
(c is the velocity of light), the relativistic corrections
involved in the electrodynamics equations [14] and in
the equations of the theory of dasticity [15] (including
the Minkowski constitutive relations for a piezoelectric
medium) will be no greater than the usually neglected
corrections for the electric field delays[10-13]. There-
fore, in the adopted nonrelativistic quasi-static approx-
imation, the relations between the coordinates of the
laboratory frame of reference and those of the SD rest
frame can be expressed through the Galilean transfor-
mation:

y=y-Vot, z=2 t=t (2

In the case of the propagation of shear waves with a
horizontal polarization in the (001) plane of the ferro-
electric, we can use the following equations in the lab-
oratory frame of reference [5, 10-13]:

X = X,

01 92

£ o %jﬂzo, 7?00 3
[/ at” i )0

Here,uanduy; (j=1fory<y,andj=2fory>y,) are
the shear displacementswithin the SD and outside it; ®
and ®; are the components of the electric potentials

41e 4neuj ‘0, 4

¢ = . u+ o, ¢J_
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these components representing the statistical fields
induced in the SD and outside it by the piezoelectric
polarization charges located at the boundariesy =y, »;

(02 = %0x? + 0%/dy?, and ¢ is the dielectric constant.

In the nonrelativistic quasi-static approximation in
the laboratory frame of reference, it is appropriate to
apply the conventional continuity requirements[5, 10—
13] at the DB for the shear displacements, the poten-
tials given by Egs. (4), the stress tensor components

ou, 99 i) _ 50U _ 99,
T = Aoy TGy e Ty Sy O
and the y-components of the electric inductions
L) oJu 0 _ 6¢
D, = eay+4neay Dy’ = ay 4ne (6)

The superscriptsj = 1, 2 in parentheses indicate the
regions outside the SD for the quantities from Egs. (5)
and (6), and A represents the elastic modulus of the
crystal. The quantitiesinvolved in the boundary condi-
tions contain no derivatives with respect to time. Equa-
tions (2) lead to the following change of differentia
operators:

0 0 0 0 0 0 0
x T oy "oy ot o oay U
Hence, if we change to the SD rest frame, the

form of the boundary conditions will remain the same.
It should only be remembered that the boundary

conditions are transferred to the planes 37] = (j — Dd,
where j = 1, 2. Taking into account Egs. (4)—6), we
obtain

—w)l_. =0, P2 9%0
(W=thly=5 = 0 Gy ~%y0,., = @
Efmeu+¢a o= E—%u,ﬂbja )

=y, =9
3 - %50
y ay ay y=7

where \* = A\ + 4re?/s.

Inview of expressions (7), Egs. (3) will take thefol-
lowing form in the SD rest frame:

o _y O _~ltMo. 4 ~2Pos

[ 5t~ Voo -0 }GJJ.D 0. B=0 )
Here, O° = 0%/0X* + 82dY?. Formally, the problem
under consideration consists in solving Egs. (9) with
the boundary conditions given by Egs. (8).
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A TRAPPED WAVE IN THE SD REST FRAME

The advantage of using the SD rest frame consistsin
the possibility of constructing the solution without
“guessing” at the behavior of its time dependences in
different parts of the crystal. By virtue of the temporal
homogeneity of the boundary conditions (8), al these
dependences will be identical, and, under the assump-
tion that the oscillations are harmonic, they will be gov-
erned by the common phase factor exp(—Qt ), where Q
isthe oscillation frequency inthe SD rest frame. Adopt-
ing the general coordinate dependence of the solution
to Egs. (9) in the form of exp(ik”i) and taking into
account that the trapped wave must have the structure
of an ordinary homogeneous plane wave [7], we can
write

®, @, Dexpli(kx—Qt)]exp(ay),
u, u; Oexpli(kX—Qt)] exp(ikay).
In this case, from Egs. (9), we obtain
q°-kj =0, ci(kj+k3) = (Q+kyVp)® (10

The quantitiesk, and k, have the meaning of thelon-

gitudinal and transverse components of the wave vector
k of the trapped wave, respectively.
From the first of Egs. (10), we obtain q = k. There-
fore, with allowance for the requirement that the poten-
tials ® and @; be limited in their domains of definition,
we write

® = eXp(iE)[AeXp(—k”g/) + Bexp(k||§/)], 0<y<d,
@, = Fiexp(ig)exp(kyy), Y<0, (11)
®, = erxp(iE)exp(—kuf/), y>d.

In Egs. (11), & = kX — Qt is the phase of oscilla-
tions of the trapped wave, this phase being measured
along the SD; A, B, and F, , are the amplitude con-
stants.

With the given k; and Q and with the limitation 3 =
Vp/c, < 1 introduced above, the second of Egs. (10)
yields the following representation of k-

_ BQx.JQ°—Kici(1- B9
c(1-B)

Note that, in constructing the solution, one should
take into account both roots given by Eq. (12), because
neglecting one of them overdetermines the problem by
boundary conditions (8). However, the choice of the
values of k; and Eq. (12) is not arbitrary but is subject
to the causality condition: the transverse propagation of
the trapped wave is caused by the SD motion. This,
firstly, means that the condition k > 0, which provides
the coincidence of the transverse propagation direction
of the trapped wave with the direction of the SD

Ko

(12)
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motion, is satisfied and, secondly, leads to the limiting
condition
limk; = 0,
B-0
which corresponds to the termination of the transverse

propagation of the trapped wave with the termination of
the SD motion.

In selecting the roots k in [ 7], the stronger require-
ment (13) was not considered. However, this fact
should not affect the final result obtained there, because
the structure of the solution (see Eq. (4) in[7]) obtained
for the trapped wave was correct. However, because of
the dlip in writing the sign of one of the terms with the
phase exponent, the dispersion relation for the trapped
wave was written in [7] with an error, which resulted in
awrong conclusion about the multibranch structure of
the solution and the existence of the corresponding dis-
crete set of modes of trapped waves refracted by the
moving SD. The correction of the results obtained in
[7] inevitably leads to condition (13).

It can be easily established that the condition k> 0
(Vp > 0) issatisfied for both roots (12) in the frequency
range Q O [kc(1 — B)Y2 k] with its lower bound
included. The latter fact is of crucia importance,
because, according to Eq. (12), just at thislower bound,
i.e,a

(13)

Q = ke(1-p)", (14)

simultaneous fulfillment of the limiting condition (13)
is possible. Relationship (14), which determines the
existence of only multiple roots (12) with the magni-
tude

_BQ
c(1-p%)
can be considered asthe form of therelation that occurs

between the main spectral parametersk; and Q at acur-
rent value of 3 and is peculiar to the trapped wave.

Taking into account the twofold degeneracy of the
roots k; given by Eq. (12) and the required bounded-
ness of the solution u; to thefirst of Egs. (9) in the outer
regions, we obtain

(15

u; = Ujexpi(& +kgy), y<O,
u, = U,expi(§ +kay), y>d, (16)
u= (Vy+W)expi(€ +kyy), 0<y<d.

Expressions (11) and (16), where Wisthe amplitude
of displacements and V is the amplitude of the shear
strain 2u,, in the SD, completely describe the structure
of the trapped wave. We note that, according to
Eq. (16), the part of the trapped wave with the ampli-
tude coefficient V can be interpreted as an attached
wave, i.e., a degenerate waveguide mode [8], but only
withinthe SD. An extension of thisinterpretation to the
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whole wave (asin [7]) isobviously inappropriate. This
fact caused the introduction of theterm “trapped wave,”
which is more suitable for describing the phenomenon
under study.

DISPERSION RELATION AND THE SPECTRUM
OF THE TRAPPED WAVE

To derive the dispersion relation for the trapped
wave, we substitute Egs. (11) and (16) into the bound-
ary conditions (8). The resulting system of homoge-
neous algebraic equations in the amplitudes of partial
waves U, and u and accompanying electric oscillations
(11) must satisfy the solvability condition Det = O,
which is equivalent to satisfying the following relation-
ships between the amplitudes U; of displacementsat the
SD boundaries:

U, _ 1-20kdexp(ik.d —kd)

__ exp(ikyd)(1-2% Kk d)
exp(ikyd) — 2%k dexp(—kd)

(17)

After some transformations, from Eq. (17) we
obtain the desired dispersion relation in the form of a
transcendental equation

Ik d[1 - exp(—2k;d)]
+ exp(—k,d)cos(kd) -1 = O,

which, in addition to Egs. (14) and (15), determinesthe
relationship between the components of the wave vec-
tor of the trapped wave.

At first glance, the imposition of relation (18) in
addition to Egs. (14) and (15) leads to a contradiction:
the substitution of Eg. (15) into Eq. (18) yields a non-
linear dependence k;(Q2), whereas, in essence, expres-
sions Egs. (14) and (15) point to the linear character of
the frequency dependences of the wave vector compo-
nents of the trapped wave. The contradiction is elimi-
nated if we assume that 3 does not remain constant
when we move along the linear frequency spectrum of
the trapped wave, i.e., aong the dispersion line for
shear bulk waves. In other words, there exist some para-
metric dependences (k) and B(k:), or vice versa, that
provide the tuning of solution (18) to the form of the
linear frequency dependences determined by Egs. (14)
and (15) in the situation under study. Namely, from
Egs. (14) and (15), by eliminating Q, we obtain

_ B _ fee = K
kD—k”/\/l__BZ, k = k”+kD—ﬁ.

The inverse parametric relationship k(B) for the
trapped wave can be considered in this case as the

(18)

(19)
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Fig. 1. Dependence of the normalized longitudinal compo-
nent of the wave vector kyd of the trapped wave on {3 for

9?2 =(1) 0.3, (2) 0.4, and (3) 0.5.
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Fig. 2. Dependence of the normallzed wave number kd of
the trapped wave on 8 for J{ = (1) 0.01, (2) 0.1, (3) 0.2, and
(4) 0.4.

solution to the equation

Hk |d[ 1—exp(—2kd)]
+ coqu'd B@(p( kid)-1 =0,

which follows from Eq. (18). The typical forms of the
parametric dependences k() and k() obtained by
numerically solving Eq. (20) with allowance for
Eq. (19) isshownin Figs. 1 and 2, respectively, for dif-
ferent values of J2.

The calculation of the characteristics of the trapped
wave in the SD rest frame can be performed in the

(20)



0 k

Fig. 3. Qualitative representation of the dispersion branches
of the antisymmetric mode of the electroacoustic wave
trapped by a moving strip domain and by a stationary one.

reverse sequence: setting 3 and determining k; as aroot

of the transcendental equation (20), we calculate k and
k- by Egs. (19), and the frequency Q is obtained by any
of Egs. (14) or (15). Thelatter option alows usto check
the results of our calculations by comparing the values
of Q obtained by the two formulas. To determine the
characteristics of the trapped wave in the laboratory
frame of reference, we can use the relationship

W= Q+kVp, (21)
which follows from Eq. (16) when we change from the
SD rest frame to the laboratory frame of reference
according to Egs. (2). We note that, in Eq. (21), w has
the meaning of the oscillation frequency of the trapped
wave in the laboratory frame of reference.

In law (21) governing the transformation of the
spectrum of the trapped wave, we have kV, > 0 as a
conseguence of the coincidence of the transverse prop-
agation direction of the trapped wave with the direction
of the SD motion (k; > 0, V > 0), and, therefore, we
will aways have w > Q. This result can be considered
as a positive Doppler frequency shift that manifests
itself locally but identically at every point of the
medium when oscillations arriving from the oncoming
source (the trapped wave) are received by a stationary
receiver (the crystal). In fact, in the problems on the
natural wave motion of the type under study, the source
of oscillations and the receiver are not explicitly
described, and they can be put in correspondence with
nothing but the wave itself and the crystal. Thus, the
Doppler source and receiver prove to be continuously
distributed over the same spatial region and are inter-
preted as such just in the local sense. The origin of the
frequency shift in the conditions under study is evident:
because of the coupling with the SD through the polar-
ization charges at the boundaries, the trapped wave is
engaged in the motion along the y-axis everywhere in
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the same way, this motion having the form of atransa-
tional transfer of the wave relative to the crystal.

Recasting the quantity kVp = k- Vp in Eq. (21) with
allowance for expression (15) for k-, we obtain arela-
tion between the frequencies:

J1-p?

Then, instead of Egs. (14) and (15), we will have
ki = w(1-PBA) ¢ and ks = whlc, and, hence, inthelab-
oratory frame of reference, we obtain k = w/c,. As one
would expect and as was mentioned above, the latter
equality represents a linear spectrum of shear bulk
waves in the ferroelectric. This result can be obtained
directly from the second equality of Egs. (10) by taking
into account Eg. (21). In closing the description of the
trapped wave in the laboratory frame of reference, we
note that, when we change to this coordinate system,
Egs. (18)—20) remain unchanged. Hence, Figs. 1 and 2
are suitable for discussing the properties of the trapped
wave in both the SD rest frame and the laboratory
frame of reference.

To determine the place of the trapped wave among
the known types of natural waves, we consider the case
of astatic SD, 3 = 0, when the trapped wave front is
orthogonal to the trapping boundaries (k; = 0, k; = K)
and the spectral behavior of the wave obeys (according
to Eq. (20)) the equation

Ik d[1+ exp(—kd)] -1 = 0. (23)

From the type of deformation and the type of rela-
tion to the electrostatic fields, as well as from the
noticeable effect of 2 on the downward displacement
of the parametric dependences (which can be seen from
Figs. 1 and 2), one can conclude that the trapped wave
is in some sense similar to an electroacoustic wave
trapped by the SD. According to the results reported in
[12], one can see that EQ. (23) represents not only the
dispersion relation for the trapped wave at 3 = 0, but
also the condition of a complete delocalization for the
oscillations of the antisymmetric mode of the electroa-
coustic wave at theinitial point of the spectrum (seethe
dots in Fig. 3), where this point moves along the
straight line representing the spectrum of the shear bulk
waves (the dashed linein Fig. 3).

A similar interpretation can be applied to Eq. (20)
by generaizing the above conclusion, i.e., the conclu-
sion that the trapped wave is identical to the antisym-
metric mode of the electroacoustic wave at the initial
point of the spectrum, to the case 3 # 0. The qualitative
representation of the changesthat occur in the spectrum
of the antisymmetric mode because of the SD motionis
presented in Fig. 3. It illustrates the parametric depen-
dence k(B) (Fig. 2) for the trapped wave as a conse-
guence of the motion of theinitial point of the antisym-
metric mode spectrum in the direction shown by the
arrow along thelinear spectrum of shear bulk waves. As

w = (22
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for the high-frequency asymptotes of the spectra of the
antisymmetric mode, which are shown by solid straight
lines, they represent the dispersion law for an electroa-
coustic wave at a single DB (the Maerfeld-Tournois
mode [10]).

Theasymmetry of the profile of shear displacements
with respect to the middle plane y = d/2 is peculiar to
the antisymmetric mode for astatic SD [12], and it will
manifest itself in the trapped wave by the antiphase
relationship of the oscillation amplitudes in the shear
waves at the SD boundaries. U, =-U,. Using Egs. (17)
and (18), it is also possible to show that the equality
Ui = |U,| is sdtisfied at any B # 0. However, the
antiphase character of the shear displacement oscilla-
tions that occur in the trapped wave at the SD bound-
ariesat 3 # O will be violated. The measure of the devi-
ation from antiphase is the quantity ¢, = Arg(U,/U,),
which is estimated in the first period of the 2reperiodic
phase functions of the trapped wave solution by thefor-
mula

¢y =T
sin(k-d) 29’k dexp(—k,d)  (24)

— arctan > > > > .
(1=K, d)” + (K d)’[1 - 2exp(-2k,d)]

Figure 4 presents the typical dependences of ¢, on
[ that are calculated by Egs. (20) and (24) for different
values of J{?. These dependences show that, in the case
of an acceptable level of electromechanical coupling in
the crystal, the deviations ¢, from 1t are not too large,
and, in total, the oscillations of shear displacements
that occur in the trapped wave on different sides of the
moving SD are close to antiphase oscillations.

SPATIAL RESONANCE WITH AN INCIDENT
SHEAR WAVE

Both the fact that the wave vector of the trapped
wave is noncollinear with the SD boundaries and the
delocalization of oscillations form prerequisites for the
spatial resonance of the trapped wave with a shear
homogeneous plane wave incident at the angle © =
arctan(kykp) onareceding SD. Inthis case, the motion
of the SD isacrucia factor, because, in the static case
corresponding to 3 = 0, the spatial resonance with the
trapped wave is only formally possible in the grazing
incidence limit © — 12 but is unrealizable in prac-
tice.

In considering the spatial resonance, it is natural to
preset the characteristics of the incident shear wave u,
from Egs. (16) in the laboratory frame of reference and
then to change to the SD rest frame. Thus, taking the
wave vector of theincident waveintheformk = (k,, ky),
where k, = ksin®, k, = kcos0, k = w/c,, and © isthe
angle of incidence, we obtain an expression for the fre-

TECHNICAL PHYSICS Vol. 46

No. 5 2001

545

P
33

2'9 1 1 1 1 1 1 1 1 1 1 1
0 . . 1.0 B

Fig. 4. Effect of the motion of the strip domain on the depar-
ture of the boundary values of the shear displacement ampli-

tudesin the trapped wave from the antiphase state for % =
(1) 0.2, (2) 0.3, and (3) 0.4. The dashed line corresponds to
the purely antiphase state.

guency Q in the SD rest frame in accordance with
Eqg. (21):

Q = w(1-pBcosO). (25)

In the problems of wave refraction by moving
boundaries, the main requirement imposed on any
refracted wave consists in its synchronism with the
incident wave at the points of the moving boundary

[16]. Therefore, if k' = (ki k| ) is the wave vector and
Q' isthe frequency of the refracted wave in the SD rest
frame, we have Q' = Q and k|, =k,. The components k;
can be determined from Eq. (12) by replacing k; and kp,
by k. and k|, respectively. Simple transformations
yield

w
= =c0s0O,
C

Ky
(26)
K

= —2 _[2B-cosO(1+p?)].

Ca(1-pY

According to Egs. (26), on each side of the moving
SD boundary, y = 0 or y = d, a pair of differently
refracted wavesisformed in the general case. However,
in the semibounded regions y <0and y > d, we should
leave only one wave in each region by choosing the
waves on the basis of the Mandel’ shtam radiation prin-
ciple for a nonequilibrium moving (in the SD rest
frame) medium [17]. Without going into details, we
note that the first of the refracted waves given by
Eq. (26) should be eliminated from the region y < 0
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and the second wave should be eliminated from the
region y > d. Then, instead of Eq. (16), we write

u; = Uexpi&[exp(ik,y) + Rexp(ikiy)], y<O,

u, = UTexpi(§ +k)y), y>d, (27)

u=U[Vexp(ik,y) + Wexp(ik;y)] expi§, 0<y<d.

Here, the primes marking the y-component of the wave
vector of the first of the refracted waves (26) are omit-
ted, because, when propagating in theregionsO<y<d
and y > d, this wave is identical to the incident wave
(ky =k, K, = ko). Correspondingly, the quantity ki
involved in Egs. (27) will be determined only by the
second of EQs. (26). Other quantities involved in
Eqgs. (27) are asfollows: & = kX —Qt isthe amplitude
of the incident wave, which is assumed to be known;
and the quantities R and T have the meaning of the
reflection and transmission coefficients for the shear
wave in the case of areceding SD.

Substituting Egs. (27) in combination with
Egs. (11), where k; should be replaced by k,, into the
boundary conditions (8) that remain unchanged, we
obtain a system of inhomogeneous algebraic equations
that alow usto determine the amplitude coefficients of
the potentials of electrostatic oscillations and those of
the shear refracted waves. Below, we restrict our con-
sideration to the expression for R, which, with allow-
ance for Egs. (25) and (26), can be represented in the
form

R = w21+ expid)] -2
2wi(i20-2) -7
Here, k =kd, w=ksin®, { = 2k(cos® —B)/(1-p?), and

(28)

Z = 2w (1-e?")(€°-1)
+iZcos(w—T/2)ee ',

The angle of incidence © = ©** that corresponds to
the spatial resonance of the incident and trapped waves
is determined by the expression

CcosO** = 3, (29)

which follows from Eqg. (19), if we take into account
that k; = kcos©** and k;, = ksin®@**. According to
Eqg. (29), in the spatial resonance conditions, the fre-
guency (25) of the refracted wavesis converted (as one
would expect) to the trapped wave frequency given by
Eg. (22). We note that, when © — ©** | thetransverse

components k; of the wave vectors of both types of

refracted waves (26) become identical: k, — k. This
fact reflects the multiple degeneracy of k5 from
Eq. (12), this degeneracy being peculiar to the trapped
wave.
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For the following analysis, it is important to note
that, in the limit © — ©**, the quantity k| given by
the second of Eqgs. (26) changes its sign at © = ©*
(©0* < ©**, cos@* = 2B(1 + B)™). If we denote k|, =
k'cos@', where k' = w/c, w' is the frequency of the
refracted wave in the laboratory frame of reference, and

@' isthe refraction angle, we can determine ©* as the
angle separating the normal refraction region (©' < 172,

ky, < 0) from the region of refraction at obtuse angles

(© >12, k;, > 0). The possibility of the manifestation of
thelatter isthe specific feature of the solutionsto the prob-
lems of refraction of waves by receding boundaries[16].

The quintessence of the problem of refraction at
obtuse angles, including the spatial resonance angle
O©**, consistsin the representation and interpretation of
the refracted wave, which usually (@' < 172) proves to
be (see the second term in Eq. (27) for u,) an ordinary
reflected wave. For the classical Einstein problem of a
moving mirror, such arepresentation and interpretation
was performed in [16] where the refracted wave at ©' >
TU2 was interpreted as an infinitely long (because of its
monochromatic nature) stub of radiation from second-
ary (Huygens) sources located on the mirror surface,
and this stub of radiation following the mirror progres-
sively lagged behind it. In this case, the refracted wave
plays the role of a wave complementing the incident
one. The corresponding refraction scheme is repre-
sented in terms of wave vectorsin Fig. 5a.

The study of the refracted wave in [16] was facili-
tated by the preset uniqueness of the choice of the
region of its propagation. Owing to the perfection
(opacity) of the mirror, the refracted wave could prop-
agate only on the same side of the mirror astheincident
wave. Another situation was considered in [5] where,
because of the identical properties of the ferroelectric
on both sides of the moving DB, the region of propaga-
tion for the wave refracted at ©' > 172 could coincide
with both the region of propagation of the incident

wave (y < 0) and the region of propagation of the

directly transmitted shear wave (y > 0). With few insig-
nificant exceptions, the first case corresponds to
Fig. 5a. The second variant of the solution (Fig. 5b),
which was considered in [5], corresponds to the bire-
fringence of the shear wave by areceding DB in afer-
roelectric.

Such achoice madein [5] was based on the fact that
the solution was constructed directly in the laboratory
frame of reference, where the dispersion law for shear
waves,

w = n'k'c,

w = nkg, (30)

did not indicate any spectral anomalies, and, in estimat-
ing the direction of the energy transfer from the bound-
ary, it seemed to be sufficient to proceed exclusively
from the choice of the direction of wave propagation,
i.e., from the wave normal vector n' or n. Thisapproach
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is suitable with the only addition that it is necessary to
take into account the position of the moving domain
boundary. The possibility of one or another propagation
direction for the refracted wave can be estimated only
relative to this boundary, which means that one has to
change to the frame of reference fixed to the boundary
and, finally, to take into account the changesin the dis-
persion properties of the medium in the DB frame of
reference.

In view of the aforesaid, in constructing the solution
corresponding to Egs. (27), we reject the scheme of
refraction shown in Fig. 5b and proposed in [5] and
consider the type of refraction presented in Fig. 5a.
Here, the refracting boundary is the backside of the
receding SD (i.e,, theDB at y = 0). Line1 (inFig. 5, it
represents theincident shear wave) should be continued
in this case beyond the boundary to represent the
directly transmitted wave. By analogy with Eq. (21),
the dispersion law for the refracted wave in the SD rest
frame hastheform Q' = w' —k'V. Expressing w' and w
through Egs. (30) and using the definition of the group
velocity, we arrive at the equalities Vg, =M —Vo and
ng
ing into account that ki, = wsin®/c, and k| is deter-
mined by the second of Egs. (26), we obtain

Vg, = c,(cos@ —B),

1 — 1 - Bz
Vg, = Vg, > .
1+B"—2Bcos®
For © < ©** (cos® > ), according to Eq. (31), we
have V, >0 and V < 0. According to the radiation

princi pIe [17], to pI‘OVI ide the energy transfer from the
boundary, it is necessary to exclude the possibility of
the propagation of the refracted wave at y > 0 and the
propagation of the incident-type wave at y < 0. The
resulting refraction corresponds to the diagram shown
in Fig. 5a. We note that Eq. (31) for ng equally refers
to the incident wave, which, in contrast to other waves,
provides the energy transfer to the boundary ng >0at
y < 0. The termination of this process and, as a conse-
guence, the termination of the interaction of the inci-
dent wave with the boundary at © — ©** (ng —

=n, ¢, —Vp, Wheren, = cos® and n, = k; /K. Tak-

(31)

0, Vq — 0) are explained by the fact that, asis char-
y

acteristic of the end point of the interval of obtuse
refraction angles [5, 16], the wave in these conditions
ceases catching up with the boundary.

Thus, returning to the object of our study, i.e., to the
trapped wave, we can state that it cannot be excited by
a shear wave incident on the SD at the angle ©**. The
solution presented above (see Egs. (27) and (28)) shows
that, as we approach the point of the spatial resonance
with thetrapped wave ({ — 0), the quantity R exhibits
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Fig. 5. Alternative variants of the interaction of awave with
a receding boundary at obtuse refraction angles ©' > 172:
(2) the incident wave, (2) the refracted wave, and (3) the
directly transmitted wave.
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Fig. 6. Angular dependences of the absolute value of the
reflection coefficient for the shear wave reflection from a
receding strip domain at 92 = 0.38 and kd = 2 for B =
(1) 0.1, (2) 0.3, (3) 0.5, (4) 0.7, and (5) 0.9.

not a polar (as was expected) but aremovable singular-
ity of the0/0 type: R— 1las{ — 0. Inthis case, the
degeneracy of the spatial resonance takes the form of a
combination of the resonance decrease in the denomi-
nator of the quantity R and asimultaneous decrease that
occurs in its numerator due to the termination of the
interaction of the incident wave with the SD. The angu-
lar dependences |R(®)| calculated by Eg. (28) and
shown in Fig. 6 demonstrate the latent (virtual) charac-
ter of the “peaks’ of the degenerate spatial resonance
that occurs in this case (see the dashed extension of
curve 5in Fig. 6 to the region of nonphysical values of
© > ©**). It is also important that, at the very point of
the spatial resonance, the solution described by
Egs. (27) and (28) becomes meaningless. Its inade-
guacy is expressed as a paradoxica cancellation of the



548

incident wave by therefracted one; at © — ©**, these
two waves have the same direction of propagation
(lines 1, 2 in Fig. 5a coincide) and opposite phases
(R— -1).

We have aready noted that the point © = @** is
characterized by the absence of energy transfer in the
waves relative to the boundary. At this point, the selec-
tion of the refraction schemes (Fig. 5) on the basis of
the radiation principle [17] is meaningless. This fact
can account for the aforementioned failure of the
attempt to represent the solution according to the
refraction scheme shown in Fig. 5a precisdly at the
point © = ©**,

Now, let us discuss the possibility of using the
scheme of refraction shown in Fig. 5b for constructing
the solution at © = @**, The required changes in its
structure consist in moving the term describing the
refracted wave from the expression for u, in Egs. (27)
to the expression for u,. The final result obtained with
the selected solution at the point of the spatial reso-
nance with the trapped wave does not depend on the
presence or absence of the front boundary y = d of the
receding SD. Hence, one could directly use the solution
[5] for the extreme right point of the angular interval of
reflectionless birefringence. Its specific features are as
follows: at © = ©**, the refracted and the directly
transmitted waves propagate in the same direction
(lines2, 3inFig. 5b coincide), they haveinfinitely large
amplitudes ([R] — o, [T| — ), and they are in
antiphase (RI'T — —1). Such a solution provides a
physically correct picture of the termination of interac-
tion: the resulting field of shear displacements is mutu-
aly cancelled beyond the receding boundary (u, = 0),
whereas, before the boundary, the field has the form of
an incident wave propagating so that it strictly follows
the boundary and experiences no changes precisely
because of the termination of the interaction. The typi-
cal resonance features of the solution (R —= oo,
[T| — o) will be retained, but only for individually
selected partial waves, which demonstratestheir virtual
character.

CONCLUSION

The results of this study show that a moving strip
domain in a ferroelectric crystal can cause a transla-
tional transfer of ashear homogeneous plane wave with
noncollinear orientation of the wave vectors with
respect to the boundaries; this wave is identified as the
antisymmetric mode of the electroacoustic wave of the

EL’MESHKIN, SHEVYAKHOV

strip domain at the initial point of the spectral branch,
i.e., the trapped wave. In particular, the developed
approach is used to obtain aphysically consistent inter-
pretation of the resonance parametric effects of acous-
todomain interaction in the conditions of extremely fast
motion of domain boundaries.
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Abstract—Mechanisms of plastic deformation of bismuth single crystals that are operative upon the
deformation of the (111) plane using a Berkovich indenter at a loading rate of 1-10 mN/s were studied. The
plastic deformation in the range of the loading rates studied was established to occur mainly by pyramidal dlip.

© 2001 MAIK * Nauka/Interperiodica” .

INTRODUCTION

Bismuth recommended itself as agood model mate-
rial suitable for studying plastic deformation by twin-
ning and slip [1-5]. The laws of plastic deformation
revealed in this material can successfully be extended
to other materials, sincethe perfect and partial twinning
dislocations are identical in many parametersin al the
crystals and often differ only in the magnitude and
direction of their Burgers vectors [6]. In thiswork, bis-
muth was chosen as a model material to study plastic
deformation of metals with a rhombohedral structure
using the method of indenting the cleavage plane (111)
with a concentrated load at small (below 10 mN/s)
loading rates.

This prablem is of interest since in the available lit-
erature thereisvirtually no information on the bismuth
behavior at small loading rates, because the microhard-
ness tests were mainly performed on a PMT-3 device
with amanual loading. The loading rates studied arein
the range corresponding to loading pulse durations
reaching 10° s[7].

EXPERIMENTAL

Bismuth single crystals with dimensions 4 x 5 x
50 mm were grown by the Bridgman technique from
the initial metal of 99.999% purity. Samples 4 x 5 x
10 mmin sizewere obtained by cleaving single crystals
at a liquid-nitrogen temperature along the cleavage
planes (111). The initial density of forest dislocations
was determined by selective etching to be 10° cm for
basal dislocations and 10° cm for pyramidal disloca-
tions.

The tests were performed on aNANO INDENTER ||
(Nano Instrument Inc., USA) nanohardness meter
using a Berkovich triangular pyramid at small (below
20 g) loads. During the tests, the displacement of the

indenter depending on the load h = f(P) is detected to a
high accuracy [8]. The accuracy of measuring the depth
of theimpression is+0.04 nm and that of theload at the
indenter is+75 nN.

The tests were performed on a cleavage plane (111)
of abismuth single crystal at loadsto 200 mN. Therate
of loading was varied from 1 to 10 mN/s.

MODEL
The action of a concentrated load on the (111) sur-
face of the bismuth single crystal activates dlip in the

system of { 111} planes that are arranged most favor-
ably with respect to the action of the external load. In
Fig. 1, the site of the action of theindenter isdesignated
by the point 0. The traces from the intersection of
planes { 111} with the plane (111) form a hexagon
AAAAAAs (Fig. 1). Under the effect of the concen-

trated external load P, the { 111} dislocations begin
their motion on the planes of a pyramid whosefacesare

formed by the planes{ 111} (Fig. 2). After going acer-

A, Az

A Ag

Fig. 1. Intersection of { 111} planeswith the cleavage plane
(111) (schematic). Point 0 isthe site where the concentrated
load was applied.
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Fig. 2. Pyramidal faces (planes{ 111}) along which dislo-
cation motion occurs.

tain distance into the depth of the crystal, the disloca
tions, owing to the specific features of the field of
stresses produced by the Berkovich pyramid, change
the direction of their motion to the opposite one,

although on the planes of the same system {111}
inclined at a corresponding angle to the planes of the
initial motion (Fig. 2). Part of these dislocation go onto
the surface, forming steps on it, which can be detected
metallographically. Around an indenter impression,
such steps form hexagons, which are shown schemati-
caly inFig. 1.

If we assume that under the action of the load P the

disocations began their motion on planes {111}
simultaneoudly, then their energy W, at a certain fixed
time instant t can be determined, proceeding from the
concept that they form hexagons (Figs. 1, 2), as the
energy of a hexagonal loop with a Burgers vector that
is orthogonal to its plane. According to [9], the expres-
sion for W in this case has the form

|4H(1_ )an +0.163 @)

where L; is the length of the ith dislocation of the
{111} type, b isthe modulus of the Burgers vector, v
isthe Poisson ratio, and p isasmall parameter.

The total energy Ws of all N/6 dislocation loops
under consideration is determined as

W, = 6L,

N/6

Wy = 3 W )

i=1

Calculated values of a depending on the loading rate V

V, mN/s a
1 0.8
3 1.0
10 15

OSTRIKOV, DUB

For an ensemble of N dislocations { 111}, it is

suitableto useaquantity L, whichistheaveragelength
of didocation segments of the hexagonal loop deter-
mined as

_le
C=55 L 3)

The energy of a hexagona loop with a segment
length L is

W = 6L4T[(1_ )En +0.16 4

Then, in the approximation of the smallness of the

interaction of hexagonal loops with one another [see
Eqg. (2)], we can write

Ws =

mIZ

W ©)
or

Ws = NL Hn +0.162 (6)

4T[(l— ) )

Expression (6) can be used when the dislocation
mobility is high and the processes of their generation
are hindered. In the case of active dislocation genera-
tion and their small mobility, when the distance R
between neighboring dislocations of different hexago-
nal loops closest to one another is so small that we can-

not neglect dislocation interaction, the energy W5 of

this interaction in the approximation where each loop
interacts only with two neighboring loops can be esti-
mated by the formula[9]

5 -
< 1onDEE 20
W, = 12NL ann X (7)
Estimation (7) was obtained in the approximation

that all dislocations are of length L . Summing Egs. (6)
and (7), we find the total energy W from the external

forces spent on the realization of slip on the {111}
planes

Ub’rl +24(1-v), ip [
W=NLE= TR RET ) In=g+855  (8)

or, taking into account that v = 0.33,

_ \iHb? Lo, o0
W~NL2H%L2.7InERD+85 9)

Expression (9) can besimplified at R — 0, sincein
thiscase In(L /R) — L/Rand the second term can be
TECHNICAL PHYSICS Vol. 46
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neglected. As aresult, we obtain

(10)

This expression is more suitable than Eq. (9) for
analyzing the physical picture of the phenomenon con-
Sidered.

Korsunsky et al. [10] givethefollowing relationship
between the energy W and the depth h of the indenter
penetration into the deformed material:

_ HR

W=

where H is the microhardness of the material and kisa
geometrical parameter depending on the shape of the
indenter. It follows from a comparison of Egs. (10) and

(11) thath~N¥3, h~ L?*, and h ~ R,

(11)

RESULTS AND DISCUSSION

Upon deformation of the (111) surface of bismuth
single crystalswith a concentrated load at large loading
rates, an ensemble of wedge twins of the {110} [0010]
type are usually formed in the deformed region [3, 6,
11, 12]. However, no twins were revealed in this work
near the indenter impression upon deformation of the
cleavage surface of the bismuth single crystal by a
Berkovich piramide at loading rates of 1-10 mN/s. This
indicates that in the process of realization of twinning
in bismuth an important role belongs to the rate of
deformation, which is much higher than 10 mN/swhen
aPMT-3deviceisused, aswasthecasein[3, 6, 11, 12].

All these facts indicate that the relaxation of exter-
nal stresses produced in the crystal by a Berkovich
indenter at loading rates of less than 10 mN/s mainly

occursby slipon {111} planes. This makesit possible

to use the above model for the case of deformation of
single-crystal bismuth using small loading rates.

The h(P) dependences at various loading rates are
shownin Fig. 3, from which we seethat theloading rate
affects the h(P) curve, athough insignificantly. The
higher the loading rate, the slower the growth of h with
P. Using the formula[10]

k H

we plotted a theoretical dependence of P on h, assum-
ing that k= 0.03797 [13] and H = 152 MPa. The micro-
hardness was determined experimentally using the
samples under study; it is in good agreement with the
commonly accepted values (132 MPa[1]). The course
of the theoretical curve coincideswith the experimental
curve corresponding to the loading rate of 3mN/s. This
indicates that formula (12) cannot be used for al load-

P (12)
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h, nm
1500F —— 1 mN/s
—e— 3 mN/s
—o— 5mN/s
1000 —¥—10mN/s

500

5.0

7.5

1
10.0
P, mN

Fig. 3. Depth h of penetration of a Berkovich indenter into
the material as afunction of theload P.

ing rates. Therefore, it is expedient to introduce arela-
tion

ali§

k b
where a is a certain dimensionless coefficient depend-
ingon Vp.

The calculated values of a are given in the table; it
is seen that the coefficient o increases with increasing
Vp. In the first approximation, the dependence of a on
Vp can be written in the form

o = BV,

P = (13)

(14)

where (3 is a quantity whose dimensionality is the
inverse of that of Vp.

We can assume that o characterizes the measure of
inertia of the process of the formation of the indenter
impression caused by the inertia of the dislocation slip
process. Similarly to Eqg. (13), we can write Eq. (11) in
the form

Hh®
W = a 3K
Comparing Eg. (15) with Egs. (10) and (14), we
obtainthat N~ Vp, Vp ~ L7, and Vs ~ /R, i.e, increas-
ing the loading rate activates the processes of disloca-
tion generation, but the dislocation length and spacing
between dislocations decrease in this case. The activa-
tion of the process of dislocation generation gives
groundsto believe that with the increasing loading rate,
the probability of involving twinning and basal slip into
the process of plastic deformation increases.

(15)
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Abstract—Conditions at which magnetic inhomogeneitieslike 0° domain wallsarisein (111) plates with com-
bined anisotropy and the properties of these inhomogeneities are studied. In local magnetic fields, the inhomo-
geneities may behave as stable states. Their role in magnetization reversal of the crystalsis demonstrated.
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It is known that different domain structures (DS)
(strip domains, zigzag domains, bubble lattices, etc.)
are observed in garnet ferrite crystals, which exhibit
appreciable cubic anisotropy (CA) [1, 2]. Asarule, the
DS configuration and parameters depend mainly on
external factors (voltages, fields, etc.), whichis of prac-
tical importance[1]. However, theoretical studies show
that, under certain conditions, magnetic inhomogene-
ities like 0° domain walls (0° DW) may occur in those
crystals where induced uniaxial anisotropy (IUA) and
CA coexist [3]. The analysis of the stability of these
inhomogeneities showed [4] that they arise as new-
phase nuclei at lattice defects and play asignificant part
in phase transitions like spin flip.

In this work, we consider the possibility of stable
0° DW forming in nonuniform magnetic fields and
investigate their properties that can help to clarify mag-
netization reversal in garnet ferrite films.

0° DOMAIN WALL MODEL

Let us consider acubic ferromagnetic in the form of
an infinitely long plane-parallel plate of thickness D
wherein IUA is observed. We assume that the easy
anisotropy axis coincides with the [111] direction and
is perpendicular to the plate plane. The coordinate sys-
tem is such that the axis OZ || [111] and the axis

OX ||[112]. The axis OY liesin the (111) plane, mak-

ing an angle ¢, with the[110] direction, and coincides
with the direction along which the magnet is inhomo-
geneous. Then, in this coordinate system, the energy of
the magnetic inhomogeneities with regard for the ener-
gies of exchange interaction, combined anisotropy, and
demagnetizing fields of space charges (localized on

DWs) is expressed [5] in the form (winter approxima:
tion)

N 2 ) 2
E = IdVEA[B%% +S|n2®%%9y%}

sn'o + cos'@
4 3

+ Kusin2® + K1|:
(1)
+ %Zsinsecos@cosi%((b —%)}

. . . . 0
+2nM2(sin@sin¢ — sin®@, sind..)* [
l

Here, A is an exchange factor; K, and K; are the [lUA
and CA constants, respectively; M, is the saturation
magnetization; © and ¢ are polar and azimuth angles of
the vector M, respectively; ©,, and ¢, define the direc-
tion of M in the domains; and V is the plate volume.
Here, we assumethat the plate thicknessislarge, so that
the contribution from the demagnetizing fields of sur-
face charges to energy (1) can be neglected (idealized
model).

The Euler equations minimizing energy (1) have the
form

E _ o SE_, OE_
if condition

3’E>0 ©)
is satisfied.

From these equations, it follows that, in the range
4/3 <k < 3/2 (k = K,/K,), solutionslike

1

tend(y) = acosh(by/A,) — c;

1063-7842/01/4605-0553%$21.00 © 2001 MAIK “Nauka/Interperiodica’
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¢ =01, ¢, = TK/3,

4
V3K=4 .y~ A—2k/3: @

kOZ,

a=

~ 2(1-2k/3)’
_ +./2kc0s3(d — d,)
~ 6(1-2k/3)
exist [6], along with 180° DWswith M || [uuw]. Here,
Ny = JAIK,.

Equation (4) implies that, in a (111) plate, the soli-
tons (0° DWs) may be of two types: large-amplitude
(LA) and small-amplitude (SA). They have different
magnetization distributions in the inhomogeneity
region [different signs of the parameter cin Eq. (4)], as
well as different energies E, widths A, and amplitudes
(i.e., maximum angles O of deviation of the magneti-
zation vector M from the uniform state). The width and
amplitude of the solitons, which characterize their size,
are given by

tan®, = 1/(a-c);

A, =2 ' ©)
. = 2(8/b-0(8)/E(3)),

whered =In(k + MK = 1) and kisthelargest root of the
cubic equation

K*+pk+q =0,

_ 1+02D _ AC (6)
p=-R+ g a=2; k>l

For the LA solitons, we have E/E, = 1.4, where E =
4,/AK, and O, = 160°-170°; for the SA ones, E/E, <
102 and O, = 10°. At Kk — 3/2, the width of the SA
solitons goesto infinity, A, — o (the domain wall dif-
fuses), whereas for the LA solitons, A; — 8.54A [3].
As follows from stability condition (3), a0° DW as a
one-dimensional inhomogeneity is unstable in terms of
theidealized model [7]. However, with the finiteness of
the plate and the presence of lattice defects taken into
consideration [4], DWs become stable and can exist
near the defects in awide range of the material param-
eters. This was confirmed by many experiments
[1, 8, 9], from which it follows that solitary magnetic
inhomogeneities do arise at defects in the absence of
saturation fields. These magnetic inhomogeneities help
to detect structural imperfections in of the crystals
[10-12]. As arule, the magnetization distribution near
the defects is complicated [13]; however, in the one-
dimensional approximation, it correspondsto a0° DW.

It also follows from theresultsin [4] that the 0° DW
stability is favored largely by the presence of defects,
which cause a nonuniform distribution of the magnetic
parametersin the sample. As such adefect, we consider

anonuniform magnetic field H lyinginthe (110) plane

VAKHITOV, YUMAGUZIN

and making an angle W with the [111] direction. Let H
depend on the coordinate as

H, <3
HY) = 0 ] ™
5b. Iyl > 5

where L is the size of the part of the plate that is sub-
jected tolocal field (7), i.e., the size of the field nonuni-
formity.

The energy of interaction between the defect and a
0° DW is given by the expression

Ey = (M TH)av

L/2 (8)
= ~MHL,D [ cos(O(y) - ¥)dy.

-L/2

It is seen that the 0° DW-field interaction makes a
negative contribution to (1). Its absolute value is maxi-
mum for O(y) = W. Thus, interaction (8) makes the
0° DW shape follow the profile of the field nonunifor-
mity.

Theinclusion of the plate finiteness requiresthat the
contribution from the demagnetizing fields of nonuni-
formly distributed surface chargesto energy (1),

00 ©0

E, = MiLXII(cosO(y)cosO(y)—l)

X | D® dy,
g vy

be taken into account (L, is the plate size in the OX
direction). Space charges on Blosh DWs make no con-
tribution.

It was shown [4] that the magnetostatic factor sub-
stantially narrows the stability range of 0° DWs; how-
ever, it should be taken into account in this case.

To quantitatively describe the effect of a nonuni-
form magnetic field on the structure and stability of
0° DWs, we will apply the variational method. As atest
function, we consider the magnetization variationin the
transition layer [EQ. (4), where a, b, and ¢ are consid-
ered as variational parameters]. Obviously, these
parameters can be determined by minimizing energy
(1) inview of (8) and (9), i.e., by minimizing the energy

E, = E+E,+E,. (10)

Inthiscase, the variational approach isthe most rea-
sonable, since the factors considered have an insignifi-
cant effect on the structure of solitary magnetic
inhomogeneities, only changing the structure parame-
ters[4].

9)
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STATIC PROPERTIES OF 0° DWs

To find stable states of 0° DWs in nonuniform mag-
netic field (7), the corresponding variational problem
was solved by numerically minimizing the reduced

energy €, = E/MZL,DA,. In this model, we took into
account that the centers of thewall and the field may be
spaced at avaue of €.

The results obtained are shown in Figs. 1-5, where
al the values having the dimension of length are
reduced to A,. We can conclude that the walls are stable
in certain ranges of the sample parameters and nonuni-
formfield. Asfollowsfrom Fig. 1, the equilibrium posi-
tion of the wall is defined by the center of the defect.
When this position is shifted relative to the center,
quasi-elastic forces for which the Hooke law isvalid at
small & arise. This meansthat, first, harmonic vibration
of the wall about the equilibrium position is possible
and, second, that the interaction forces in the region of
wall localization on the defect stabilize the structure of
the wall and to a great extent specify its parameters. In
fact, from Fig. 2, the 0° DW width is proportional to
that of the defect. As the latter increases, so does the
width of thewall, and ©, asymptotically approachesthe
limit that coincideswith the polar angle of the vector M
in auniformly magnetized plate [14]. Obviously, such
asituationwill occur for L — co. Inthis case, the mag-
netic field H becomes uniform and the equilibrium ori-
entation of the vector M is defined by the combined
effect of IUA, CA, and magnetic field. On the other
hand, Fig. 2 showsthat thereisthe minimum size of the
nonuniform field region, at which 0° DWs become col-
lapse-unstable; hence, the origination of 0° DWs at the
center of the nonuniform field is of athreshold nature.
This is in agreement with dependences of the DW
parameters on h and W (Figs. 3, 4). Moreover, we can
argue that there exists the least energy of interaction of
the 0° DW with the local field necessary for the
formation of the stable wall structure. This energy
depends on the size of the defect and on its other
parameters (Figs. 3, 4). From the dependences
obtained, it also follows that the 0° DW shape tends to
follow the profile of the defect. Thistendency becomes
dominant with increasing L; i.e., our previous conten-
tion is confirmed.

The dependence of the 0° DW stable states on K
(Fig. 5) has an interesting feature. It is seen that the
walls remain stable in the wide range of K, the stability
range exceeding that predicted by the idealized model.
Moreover, the wall existseven for k =0, i.e., when CA
isabsent. Thisisanontrivial result, sinceit iscombined
anisotropy in the crystal that causes solutions like
0° DWsto appear in the idealized model.

On the other hand, asis seen in Fig. 5, the stability
region is bounded both above and below: at the upper
bound, the DW diffuses (A; — o, @, — O,,), while
at the lower bound, it collapses. In both cases, the
plate becomes uniformly magnetized, but, in the first
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case, its state will correspond to the canted phase with
M || [uuw] and, in the second case, to the highly sym-
metrical phase with M ||[111]. When the other param-
eters of the sample or defect vary (Figs. 3, 4), the wall
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behavesin asimilar way. Thisis an additional reason
for the fact [4] that the occurrence of 0° DWsin the
crystal is the intermediate stage in the phase transi-
tion of the magnet from one homogeneous state to
another and that 0° DWs can be considered as new-
phase nuclei localized at the defect, i.e., in the local-
field region.

6, deg
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3
110+
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9+ 2
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7 1 1 ]

Fig. 3. ThesameasinFig. 1vs. h.k =1.42,D =35, ¥ = 90°,
andL=5.Q=(1) 3.5, (2 8, and (3) 15.

DISCUSSION

From the aforesaid, it follows that, in (111) plates
with combined anisotropy, local magnetic fields can
give rise to inhomogeneities of specific configuration,
i.e.,, 0° DWSs. They have anumber of intriguing proper-
ties; in particular, their size correlates with that of the
field nonuniformity (Fig. 2). Our results may help to
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elucidate the magnetization reversal effect in (111)-ori-
ented garnet ferrite films in pulsed fields [1, 15]. In the
steady-state mode (at the end of the pulse, when mag-
netization reversal becomes), stationary stable triangu-
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Fig. 5. The same asin Fig. 1 vs. thek for h = 5. The other
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lar domains were observed at the center of the axisym-
metric nonuniform field. A specific feature of these
domains is that their size is comparable to that of the
field nonuniformity and is much larger than that of bub-
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bles, which also have triangular shape [15-17]. Such a
shape is explained by the symmetry of the CA easy
axes[16, 17]. We considered the one-dimensional case
of a solitary domain. However, our results can readily
be generalized to the two-dimensional case. Thisis due
to the fact that, first, the shape of the domains will also
be triangular because of the symmetry and, second,
their sizeswill correlate with those of the field because
the shape of the 0° DWs tends to follow the profile of
the defect.

CONCLUSION

Thus, we have shown that stable 0° DWs can arise
in local fields. Their stability domain (in terms of the
sample and field parameters) is limited by two critical
(diffusion and collapse) fields. Based on our data, 0°
DWs can be thought of as nuclei of a new phase that
arise during phase transitions like spin flip. In addition,
results of this work may help in the interpretation of
other experiments wherein nonuniform magnetic fields
and different defects are the subject of investigation and
can be used in applications.
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Abstract—It is shown that the uniform strain parameter of the unit cell of solid solutions of alkali metal nio-
bates can be raised and their permittivity can drastically be decreased by isovalent superstoichiometric modifi-
cation in the A subcell. The underlying mechanism is suggested. It is concluded that these findings are helpful
in studying (simulating) piezoelectric ferroelectrics of practical value. © 2001 MAIK “ Nauka/Interperiodica” .

Low-permittivity (g) piezoelectric ferroelectrics
(PFs) are promising in many areas of technology; in
particular, they are candidate materials for high-fre-
guency acoustoelectric transducers [1, 2]. Upon simu-
lating PFs based on perovskite-like oxides (POs), it is
necessary to relate € with crystal chemical characteris-
ticsof PF cations and with crystal structure parameters.
Ininsulators, € ~ P/E, where P isthe polarization or the
dipole moment per unit volume and E is the strength of
an electric field applied to the crystal. Since P = mn
(misthedipole moment per ion, and nisthe volumetric
density of ions), where m ~ a (a is the polarizability)
and n~ 1/r3 (r istheion radius), € depends on the crys-
tal chemical parameters of anion as € ~ a/r3. Clearly,
ions with small values of a/r® are best suited for simu-
lating low-€ PFs. Such are ions whose e ectronic con-
figurationissimilar to that of noble gases[3]; the small-
est values of a/r® are typical of ions of akali metals
(AMs): Li* (0.166), Na* (0.210), K* (0.382), aswell as
of Mg?* (0.240) and AI®* (0.360). Only for them, the
ratio a/r® is much smaller than unity; for others, it is
close to unity. Therefore, among known PFs, alkali
metal niobates [4], including magnesium- and alumi-
num-substituted ones [5], have the least permittivities.
Their permittivity can be decreased further by improv-
ing the crystal structure. In [6], a relationship between
€ and the uniform strain coefficient 3, the basic param-
eter of the PO structure that characterizesthe distortion
of the cubic perovskite cdl [7], was derived. It was
established that € ~ 1/3. Thus, the larger 3, the smaller
€. Thevaue of d can beincreased, in particular, by low-
ering the defect density in the solid solutions. In this
case, the process of breaking “polarization circuits’ by
vacancies[8] will be suppressed, causing the spontane-
ous polarization P, and, hence, & to grow owing to the

relationship 5 ~ P2 [7].
The value of d in niobate PFs can be raised by isov-
alent (in the A subcell) superstoichiometric modifica-

tion. The underlying mechanismisasfollows. AM nio-
bates, like other Nb-containing complex oxides,

“inherit” the defect structure of the Nb,Os high-temper-
ature modification, which is used in material synthesis
[9]. In this case, the anion-deficient nonstoichiometry
of Nb,Os, i.e., Nb,Os: (Nb5" ,Nb;}"),05_,, due to the
ease of change of the oxidation degree (Nb** ~—
Nb*), may be accompanied by a change in the point
defect density because of crystallographic shear [10].
As aresult, the number of both anion and A sites may
decrease as compared with the initial structure [11].
Excessive A cations occupy newly formed (by crystal-
lographic shear) defects: tetrahedral and octahedral
voids appearing where regular blocks join together. In
Nb-based compounds, the joints are due to crystallo-
graphic shears in two amost mutually orthogonal
directions [10]. The vacancies (voids) do not all
become occupied, since their concentration usualy
exceeds the concentration of excessive A cations.
Clearly, the remaining vacancies serve to decrease &
and, accordingly, increase €. The introduction of addi-
tional AM oxides would favor at least the partial occu-
pation of the vacant sitesin order to rise  and lower €.

Thiswas donein Na-substituted LiNbO; solid solu-
tions (Ng _,Li,NbO;), which are of great practical
interest [1, 5], and Nb-deficient solid solutions of for-
mula N _,Li,Nb,_,O;. We studied solid solutions
with x = 0.08, 0.10, 0.12, and 0.14; y was varied from
0.01 to 0.04. The modifiers (Na,CO;) were introduced
superstoichiometrically in amounts of 2.0-8.0 at. %
(Z=0.02-0.08) at the stage of component mixing. The
Na,CO; and Li,CO; components were of chemical
grade, and Nb,Og was of optical grade. The material
was prepared by two-stage solid-phase synthesis:
800°C for 5 h and 850°C for 5 h. Subsequent sintering
was performed by hot pressing [7] a a pressure of
200 kg/lcm? with isotherma heat treatment (1000
1150°C depending on the composition) for 40 min. The
solid solutions prepared were impurity-free, as indi-
cated by X-ray diffraction analysis.

1063-7842/01/4605-0559%$21.00 © 2001 MAIK “Nauka/ Interperiodica’
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Experimental results are shown in Fig. 1. The
expected effect of increasing & and decreasing € (in
more exact terms, Bp, the uniform strain parameter for

the rhombically distorted cell, and €g3/£0, the relative

permittivity after polarization) is observed in the solid
solutions with y and Z not exceeding 0.02 and 0.04,
respectively. The piezoelectric parameters (K, electro-
mechanical coupling coefficient; ds;, piezoelectric
modulus; and gs,;, piezoelectric sensitivity) are consid-
erably improved. As Z and y go beyond the above lim-
its, € grows (sometimes sharply) and K, declines. This
may be associated with the fact that when the concen-
tration of the modifiers reaches some val ue, the concen-
tration of excessive A cations beginsto exceed the con-
centration of vacancies. As aresult, the cations occupy
interstices, introducing disorder (defects) into the struc-
ture.

Similar results of Japanese investigators (Fig. 2 in
[12-14]), which studied substituted AM niobates of
composition Na, _,Li,Nb, _,O; + ZA,0 (A = Na, Li),
where x = 0.01-0.3, y = 0.005-0.1, and Z = 0.001-0.1,
support our assumption.

Isovalent modification at small Z significantly acti-
vates the process of charge compacting during sinter-
ing: the rate and degree (B) of shrinkage increase
(Fig. 3). Moreover, even the kinetics of sintering
changes. If for pure AM niobates, the process usually

REZNICHENKO et al.
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Fig. 2. e and K vs. Nay _,Liy,Nb; _,O3+ZA,0 (A=Na, Li)
solid solution composition [12—14].

goes in the solid phase and involves a small amount of
theliquid phase [15], at Z = 0.04-0.08, the liquid phase
prevails and the ceramic formation temperature T,
drops sharply (Fig. 3). The reason is that the solid-
phase reaction is typically incomplete and the powders
contain unreacted sodium carbonates and hydroxides,
which form low-melting eutectics. The Li,CO; and
LiOH compounds are unstable, and Li,O is a high-
melting compound; therefore, lithium, as a rule, does
not form the liquid phase and the kinetics does not
change. If the liquid phase does form, its role in
improving the solid solution structure is to occupy
vacancies, to “refine” and bond grains, and eventualy
to increase d.

It is noteworthy that at certain concentrations of
additional Na, the solid solutions with the orthorhom-
bic structure become two-phase, which means that they
shift in the (NaLi)NbO; state diagram [16] because of
composition changes. This also may point to variations
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Electrophysical parameters of the solid solutions

561

” Comp;stlon 7 Ty, °C sgs Igg Ko d31é/|%1012' 931\;\(/ /1N0_3, Qn VR :1/130_ ? Fabrication technology
0.08 | O 0.04 332 95 0.207 10 11.7 614 5.88 Laboratory
01 | O 0.04 345 119 0.25 15 14 145 5.92 "
012 | O 0.04 350 95 0.29 13 157 30 5.65 "
012 | O 0.08 334 150 0.27 14 114 177 5.89
014 | O 0.04 346 75 0.21 11 171 45 5.75 "
012 | 001 | O 350 102 0.275 15 16.8 14 5.64 "
012 | 002 | O 359 101 0.281 16 16.9 97 5.87
012 | 006 | O 334 141 0.246 14 14 217 5.96 "
014 | O 0.04 356 102 0.32 16 17.7 271 5.3 "
014 | O 0.04 356 105 0.294 15 15.9 253 5.46 Industrial (variable hot-
pressing conditions)
014 | O 0.04 356 104 0.304 15 16.5 239 5.37
014 | O 0.04 362 108 0.281 14 151 252 5.42

of the electrophysical parameters especially with
regard for the behavior of the solid solutions in depen-
dence of the stoichiometricratio [17]. Thetableliststhe
dielectric and piezoelectric characteristics of some of
the solid sol utions obtained under both |aboratory (hot-
pressed samples measuring 10 x 1 mm) and industrial
conditions (large blocks 110 x 110 x 25 mm in size,
which were cut into samples of appropriate dimen-
sions). The solid solutions are seen to offer ultralow

T, °C
L0 200 400 600 800 1000 1200
. - S T T T
0.8 -
T,,°C
1200 -
0.6
1100 -
04 L 1000 |-
0.2 F
B

Fig. 3. (& B(T) and (b) T4(2) for Na; _,Li,NbO3 + ZA,0O
(A=Na, Li). (1) x=0.1, Z= 0.04 (N&,0); (2) x=0.12, Z=
0.04 (N&0); (3) x=0.1,Z=0; (4) x=0.1,Z2=0.04 (Li,O);
and (5) x=0.1.

TECHNICAL PHYSICS Vol. 46

No. 5 2001

£33/€q; relatively high Ty, Ko, dsy, and gg;; awide range
of the mechanical figure of merit Q,,; increased velocity
of sound Vg, as well as high reproducibility of the
parameter from block to block within alot and from lot
tolot. Thus, the solid solutions are promising PF mate-
rials for various applications.
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Abstract—The evolution of zones of localized plastic deformation in polycrystalline aluminum was investi-
gated. At the stage of the linear strain hardening, such zones were established to move synchronously, whereas
at the stage of parabolic strengthening they are stationary. The quantitative characteristics (wavelength, propa-
gation velocity) of deformation waves that are formed at the stage of linear strengthening were determined.
A relation between the quantitative characteristics of the process of deformation localization and the grain size
was found. The distribution of local deformations upon transition from one stage of plastic flow to another was
investigated. A model that explains the generation of coarse-scale structures of localized plastic deformationis

suggested. © 2001 MAIK “ Nauka/Interperiodica” .

INTRODUCTION

The investigations of the kinetics of the develop-
ment of deformation localization that were performed
on a wide circle of materials using a high-precision
technique [1-4] show that the process of plastic flow
tendsto localization during itsentire course and that the
forms of localization have a clearly pronounced rela-
tion to the multistage nature of the flow curve. The most
interesting problem in this connection is the synchro-
nous motion of plastic-flow zones observed at the stage
of linear strengthening, at which o ~ ©¢, where g isthe
stress in the sample, € is the related total deformation,
and © = do/de is the strain-hardening coefficient. The
detailed picture of flow localization in this case makes
it possible to obtain the characteristics of the specific
wave process, i.e., the wavelength A and the velocity of
its propagation V,, (which isinversely proportional to ©)
[5]. At the stage of parabolic strengthening, when g ~ €™
(m < 1) and the strain-hardening coefficient decreases
with increasing deformation, the zones of plastic flow
are stationary. To understand the origin of these differ-
ences, of significant interest is the evolution of the pro-
cess of deformation localization in the material, which
can exhibit arepeated change of the parabolic and lin-
ear stages of strengthening. It proved that polycrystal-
line aluminum is unique in this respect; its o (€) curve
consists of three stages [6]: two parabolic stages (at the
beginning and at the end of the process) and a linear
stage between them. The aim of this paper isto clarify
the laws of the devel opment of the process of deforma-
tion localization at each stage and upon transition from
one stage to another.

EXPERIMENTAL

Asthe material for the investigation, we used sheet
aluminum of grade A85 (total content of impurities no
more than 0.15 wt %). Samples with the dimensions of
the gage portion of 50 x 10 x 2 mm were stamped from
a sheet. The average grain size D was changed by pre-
liminary plastic deformation and subsequent recrystal-
lization annealing; in three cases under study, it was
0.2, 0.3, and 0.4 mm. The samples were pulled in ten-
sion in an Instron-1185 testing machine at a constant
velocity of the mobile grip V,,, = 3.35 x 10 m/s (g, =
6.7 x 10°s1).

The accuracy of distinguishing the linear stage of
strain hardening was enhanced by using a special tech-
nique, in which, in addition to the usual procedure of
finding the deformation interval in which the coeffi-
cient © was constant, the ultrasonic velocity Vs was
measured in the sample directly during the mechanical
tests[7]. Asisshown in [7], both © and V; are constant
at the stage of linear strengthening in aluminum; the
use of an additional criterion simplifies the separation
of this stage and increases the accuracy of determining
its beginning and end in the o (€) flow curves for the
samples of polycrystalline aluminum used.

The patterns of deformation localization were
revealed directly in the process of loading using the
speckle-interferometry method described in detail in
[4]. This method makes it possible to obtain the distri-
butions of the components of the plastic-distortion ten-
sor 3; ; = Or (wherer is the displacement vector) over
the surface of observation (see, e.g., Fig. 1) and follow
their evolution in time. Thus, analyzing changes in the
position of zones of localized plastic flow depending on
timet = ¢/, we can determine important characteris-
tics of the process, such as the velocity V of propaga-

1063-7842/01/4605-0563%21.00 © 2001 MAIK “Nauka/Interperiodica’
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Fig. 1. Distribution of local elongations in a sample with grain size D = 0.2 mm (the contours correspond to lines of € = const).

tion of deformation waves along the sample axisin the
course of its extension and the wavelength A.

RESULTS

We managed to separate the stage of linear strength-
ening in the curves of plastic flow of all the samples of

3 | | | |
0.1 0.2 0.3 04 0.5

D, mm

Fig. 2. The beginning (1) and the end (2) of the stage of lin-
ear strengthening of polycrystalline aluminum depending
onthegrainsize.
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Fig. 3. Displacement of the maxima of localized deforma-
tion along the sample axis (D = 0.2 mm) upon tension at a
constant rate.

polycrystalline aluminum that were studied. Asis seen
fromFig. 2, in all three cases the extension of this stage
is small and decreases with increasing grain size D.
This agrees with the data of [6], according to which the
linear stage is poorly distinguishable at temperatures
above 77 K, especially in coarse-grained and single-
crystal aluminum. Indeed, the extrapolation of the
curves obtained to their intersection shows that |g, —
&| — 0asD — 0.5 mm, i.e, the segment of linear
strengthening vanishes, degenerating into a point of
transition from one parabolic stage to another with a
discontinuous change in the exponent min the expres-
sion

o = 0g,+As", (1)

that describes parabolic strengthening [6].

Owing to thistype of the vicissitude of stagesin the
curve of plagtic flow of auminum, we managed to
solve the main problem of the investigation: to plot and
analyze the distributions of the €,, component of the
tensor of plastic distortion (g,, = du/dx isthelocal elon-
gation in the direction x along the axis of tension of the
sample; u is the component of the vector r in the x
direction) in the process of deformation of the same
material strengthened according to various laws. It is
suitableto represent the datafor the analysis of the evo-
lution of deformation localization in the form of the
dependence of the position X* of the maxima of the
guantity €, along the axia line of the sample on the
deformation timet ~ €, asis shown in [3]. The depen-
dence obtained (Fig. 3) showsthat the behavior of €, at
the linear and parabolic stages of strengthening is dif-
ferent. It follows from Fig. 3 that the stage of linear
strengthening is associated with the inclined segments
of the X*(t) dependences; the vel ocity of propagation of
deformation waves in this case is V,, = dX*/dt (see
table). The stages of parabolic strain hardening in
Fig. 3 correspond to the horizontal segments of the
X*(t) dependences, for which V,, = 0. Thus, the regular-
ities preliminarily established on awide circle of met-
as and aloys [1-4] manifest themselves upon exten-
sion of polycrystalline aluminum in the total measure:
at the parabolic stages, stationary systems of zones of
plastic flow appear, whereas at the stage of linear
strengthening, a system of zones of localized deforma-
tion that moves over the sample arises (wave process).
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DEVELOPMENT OF LOCALIZED
DEFORMATION

The localization of plastic deformation in polycrys-
talline aluminum has characteristic features that arise
and develop in accordance with the change of stages of
strain hardening. In the course of plastic flow, a system
of zones of localized deformation spontaneously arises
in samples and evolvesin the form of awave process or
a stationary structure, and the type of the pattern of
localization of these zonesis completely determined by
the law of strain hardening that is operative at a given
moment. Let us discuss the main experimentally estab-
lished features of the development of such patterns of
localized deformation in polycrystalline a uminum.

An analysis of the shape and of the spatial position
of the zones of localized deformation in a sample made
it possibleto establish that they represent parallel layers
of plastically deformed material 3-5 nm thick. Thisis
the case both for the parabolic and linear strengthening;
the differenceisthat at the stage of linear strengthening
such layers move synchronously. The traces of the lay-
ers at the surface of observation are amost perpendicu-
lar to the axis of tension of the sample. In this feature,
they differ, e.g., from the Luders bands, for which the
slope predicted by the theory of elagticity [8] and usu-
aly observed experimentally is ~55°. The difference
appears to be due to the fact that the properties of rea
coarse-grained aluminum do not fully correspond to the
idealized models of plasticity used in calculations. It
follows from the analysis of the localization patterns,
such asthose shownin Fig. 1, that the plasticity isolines
are dightly curved and their profiles (steepness of the
slopes) are asymmetric.

Thus, alternating deformed and nondeformed layers
of approximately equal thickness arise in aluminum
polycrystals upon plastic flow. The dynamics of their
evolution corresponds to a given stage and to the mech-
anism of strain hardening that acts at a given moment.
Such a delamination of the deformed material occurs
spontaneously upon tension at a constant rate and
appearsto represent agenera property of the process of
plastic deformation [1, 2].

The plastic flow develops in such a stratified mate-
rial asfollows. At the stages of parabolic strengthening,
the entire plastic deformation proves to be almost com-
pletely localized inside immobile active zones; the
material between these zonesis virtually not deformed.
At the stage of linear strengthening, the plastic defor-
mation occurs so that the process gradually involves
new layers of the material adjoining the leading fronts
of the mobile zones of plastic flow, whereas the defor-
mation in the layers at the back edges of these zones
ceases.

At the stage of linear strengthening, the process of
localization acquires awave nature and is characterized
by awavelength A and a velocity of wave propagation
V,, (seetable). In the investigated cases, the magnitude
of V,, decreases with increasing coefficient ©, which
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Dependence of the parameters of deformation wavesin poly-
crystalline aluminum on the grain size (stage of linear defor-
mation strengthening)

L Strain-harde- Vel ocity of pro-
Grainsze ning coefficient Wave- pagation of defor-
D mm length :
(D2, mm ) ©,108Pa X mm | mationwaves
’ (O/E) x 103 : V,, X 10 m/s
0.2 (2.24) 1.58(2.24) |7.0+05 8
0.3(1.82) 142 (2.01) |5.8%0.2 8
0.4 (1.58) 1.38(1.96) |45+0.2 13

qualitatively agrees with the previously established
(and explained in [5]) expression

V,, = Vy+J/O, (2

which relates these two characteristics of the deformed
medium. In comparison with the data of [5] on the
V,,(®) dependence for single crystals of alloyed y-Fe,
the linearity in the case of auminum is less -or- more
poorly fulfilled. This appearsto be explained by thefact
that the changes in the strain-hardening coefficient @ in
this case are due to differences in the grain size D in
various samples. It follows from the quantitative analy-
sis of the relation between the strain-hardening coeffi-
cient and the grain size, the ©(D) function hasthe form
analogous to the well-known Hall—-Petch relationship:

O = O, +ksD™? ©)

(Fig. 4) with the correlation coefficient k = 0.97. Other
mechanical properties of aluminum, e.g., flow stress,
also can change with changing D. Since Jin Eq. (2) has
the sense of the energy flux through the deformed sam-
ple[5], the changein the flow stressleadsto changesin

O x 1078, MPa
1.6
02e
1.5F
(0.3
14F
04e
1.3 1 1 ]
1.2 1.6 2.0 2.4
D—1/2

Fig. 4. Strain-hardening coefficient of polycrystalline alu-
minum (stage of linear strengthening) depending on the
grain size. Numerals near the data points denote grain
size D (mm).
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J and a deviation of the V, (©1)dependence from lin-
earity predicted by Eq. (2).

At the first and second stages of parabolic strength-
ening, the alternating actively deformed and nonde-
formed layers produce a stationary structurein the sam-
ple. The deformation localization at the second para-
bolic stage is so large that the development of such a
structure leads to the formation of several (3 to 5)
clearly distinguishable necks in the sample. Finaly,
shortly before the appearance of amacroscopic narrow-
ing of the cross section, the entire plastic deformation
islocalized in one place, where later aneck is nucleated
and ductile fracture of the sample occurs.

DEFORMATION LOCALIZATION ASA PROCESS
OF ORDERING IN A DEFORMED MEDIUM

In the evolution of deformation structures upon
plastic flow of polycrystalline aluminum, clear regular-
ities can easily be traced which are also characteristic
of other, previously investigated materials. After the
yield limit is reached at the first stage of parabolic
strengthening, a stationary system of localized zones of
plastic flow arises in the sample. At the stage of linear
strengthening, such zones move synchronously along
the sample at a constant rate. The transition to the sec-
ond stage of parabolic strengthening is accompanied by
the formation of an immobile system of zones of local-
ized flow.

It should be noted that upon transition from one
stage to another the existing structure of zones of local-
ized deformation becomes “broken up” and a new
structure, corresponding to the law of deformation
strengthening that acts at a given stage arises in its
place. Dueto the changesin thelaw of deformation, the
distribution of the localized-deformation zones
becomes disordered, their amplitude decreases by a
factor of about two, and their number increases (some
zones become divided into two). Then, in the beginning
of the new stage of strengthening, a specific localiza-
tion pattern (mobile or stationary) is spontaneously
formed from the disordered distribution of the zones of
plastic flow, gradually acquiring regular features. An
important feature of the observed evolution is that it
occurs in the course of the continuous extension of the
sample at a constant rate.

The duration of the linear stage of strain hardening
decreases in coarse-grained samplesin such away that
the deformation €, corresponding to the end of this
stage is virtualy insensitive to D, whereas the begin-
ning of the linear stage ¢, is shifted with increasing
grain sizeinto therange of larger deformations (Fig. 2),
i.e., the stage of linear deformation at which the flow
stressis

0 =0,+0¢ (@]
arisesin polycrystalline aluminum at the expense of the

corresponding shortening of the first parabolic stage,
and this shortening is more pronounced in a fine-
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grained material. This conclusion is confirmed by the
following feature of the kinetics of transition from the
first parabolic stage to the linear stage: while the o (g)
diagram goesinto the linear stage (o O €), the zones of
localized deformation till remain immobile; their
motion begins after an approximately one-fourth of the
duration of the stage of linear strengthening. Therefore,
the duration of the transition between stages deter-
mined from the o (g) curve proves to be smaller than
the time required for the formation of a new pattern of
localized deformation. Thisfeature agreeswell with the
results of [6], where it was shown that the deformation
corresponding to the beginning of the second parabolic
stage is virtually independent of the grain size in
aluminum.

The microstructural features corresponding to the
various stages of the flow curve in polycrystalline alu-
minum were qualitatively considered in [6]. There are
also numerous works devoted to electron-microscopic
investigations of the structure of deformed aluminum
(see, e.g., [9]). Unfortunately, it isimpossible to clarify
the origin of the macroscopic localization of flow and,
moreover, to understand its details at the various stages
of deformation strengthening on the basis of only
microscopic investigations. In this work, using the
X-ray diffraction technique based on the concepts
developed in [10] and a specially designed scheme
[11], we established that the change of stages of the
flow curve is accompanied by marked quantitative
changes in the fine structure of the deformed material.
It turned out that already at the first stage of parabolic
strengthening, the grains of polycrystaline aluminum
become divided into blocks of size x. The onset of the
stage of linear strengthening corresponds to asignificant
(twofold) increasein the size of such blocks, asshownin
Fig. 5. After the termination of the stage of linear
strengthening, the block dimensions again decrease.

It is evident that the above behavior can be consid-
ered as a result of ordering in the deformed medium.
Such an approach, based on the ideas of synergetics
[12], finds progressively wider application in explain-
ing processes of structure formation upon plastic flow.
Significant part of investigations is devoted to attempts
of explaining the formation of dislocation structures of
various complexity [13, 14], and it is only in a few
works[1, 4, 15, 16] that the processes of self-organiza-
tion are regarded on amacroscopic level as a spontane-
ous development of localization zones, and their regu-
lar behavior is considered in accordance with the mul-
tistage nature of the flow curve [1, 4, 16]. In those
works, all possible patterns of localization are consid-
ered as various types of autowave processes|[17] or dis-
Sipative structures that arise in open systems through
which an energy flux passes.!

1 Autowaves, in contrast to the conventional waves that arise under
the action of an external action, are eigenstates of amedium [17].
The mediathat admit such phenomena are called active. The main
differences between deformation autowaves and plasticity waves
or elastic wavesin solids were considered in [5].
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From such aviewpoint, achangeover of the types of
localization of plastic flow is related to changes in the
state of the deformed medium. Since the most signifi-
cant changes upon plastic flow in a material consist in
the accumulation and redistribution of lattice defects,
clear concepts of the relationship between the micro-
structural parameters and quantitative characteristics of
the patterns of deformation localization arerequired. In
this connection, of great importance is the fact, estab-
lished in this paper, that the transition from a stationary
structure of localized zones to a wave-type structure is
related to the above-mentioned noticeable increase in
the size of blocks, which was determined by X-ray dif-
fraction.

ON THE NATURE OF LONG-WAVELENGTH
PERIODICITY

Aswas noted earlier [1-4], the most complex part of
the problem is the explanation of the magnitude of the
wavelength (distance between zones of plastic flow),
which is 5-10 nm on the order of magnitude. The solu-
tion suggested in this work is based on the following
model. A polycrystal loaded by an external device rep-
resents a mosaic of stressed domains of microscopic
scale, which are connected with stress concentrators at
which the generation of dislocation shears provesto be
more probable. Each shear in this caseis considered as
a discontinuous (jumplike) relaxation process. Such
jumps in auminum were studied in detail at helium
temperatures [18]. A relaxation jump is accompanied
by the emission of elastic pulses (acoustic emission)
[19]. Thus, it is characteristic of the state of a stressed
material that, in the system of elastically stressed con-
centrators, there walk random elastic pulses, whose
superimposition on the static fields of the stress con-
centrators increases the probability of relaxational
events of plastic deformation.

Let us consider the propagation of such a pulse
through a zone with a variable didocation density
(through a zone of plastic flow that had been spontane-
ously divided into blocks). For simplicity, we assume
that the dislocation density in each block decreases
from its center to the periphery in alinear law. In accor-
dance with the known relation [20] € = bpl (wherebis
the Burgers vector, p isthe disocation density, and | is
the average dislocation free path), this results in an
analogous distribution of deformation in such a zone.
As follows from Fig. 5, the velocity of sound in the
deformed aluminum at the stage of parabolic strength-
ening changes with deformation (V, O €). This means
that upon the passage of a plane wave through such a
zone, the wave front rotates by a small angle a, as
shown in Fig. 6, and the waves from neighboring
domains, which play the role of acoustic lenses, will be
focused on the symmetry axis. This results in an
increase in the concentration of elastic stresses and a
related increase in the probability of the occurrence of
relaxational acts of plasticity in the zone of stress
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Fig. 5. Variation of the dimensions of microstructure blocks
(8) and the velocity of ultrasound propagation (V) upon
deformation of aluminum.

focusing; this, in turn, leads to the formation of a new
zone of deformation at a distance A from the initial
zone. A simple geometric calculation (see Fig. 6 for
details and designations) showsthat this distanceis

A=X/2sina = x/2tana = (x/2) x 1/(AVd/X V) )
=x(x/28)(VJ/AV).

In auminum, the sound velocity is V=6 x 10° m/s
and its experimentally found change in the range of
plastic deformations corresponding to the stage of par-
abalic strengthening isAV = 10 m/s [7]. For reasonable
values of the cross-sectional size of blocks = 10" m
(Fig. 5) and for the ratio x/26 = 10, we obtain A = 6 x
103 m, which is close to the experimentally observed
distance between the zones of localized deformation. It
isimportant that A > X, so that relation (5) specifiesthe
relationship between the scales of the phenomena on
the microscopic (dislocation) and macroscopic (zones
of deformation localization) levels of the process of
plastic flow. An analysis of the geometry of focusing
shows that such an effect can manifest itself on both the
ascendant and descendant branches of the V(€) depen-
dence (Fig. 5).

It seemsthat the role of such acoustic lenses may be
played by dislocation ensembles with a nonuniform
distribution of dislocations (and deformations) in them,
such as dislocation tangles, cells, etc. [9], as well as
twins. In this case, the various schemes of distribution
and behavior of macroscopic zones of localized defor-
mation can naturally be related to changesin the geom-
etry of the acoustic lenses (i.e., in the magnitudes of ¥,
0, and their ratio) considered above or to the redistribu-
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Fig. 6. To calculation of the distance between the zones of
localized plastic flow: A=A, position of the wave front
before the passage through the deformation zone; A-A—A—
A, position of the wave front after the passage through the
deformation zone; and S, probable sites of nucleation of new
deformation zones.

tion of dislocationsin them in the course of plastic flow.
Thus, in accordance with Eq. (5), the above-noted
increase in the block dimensions o leads to a corre-
sponding change in the distance A, which manifests
itself in the displacement of the zone of plastic flow
along the axis of tension at the stage of linear deforma-
tion strengthening.

CONCLUSION

Thus, the investigation of the evolution of the local-
ization of plastic deformation in polycrystalline alumi-
num made it possible to observe the formation and
decomposition of time-spatial ordered patterns of
localized plastic flow. Their character and evolution
completely correspond to the previously established
types of relation of the patterns of localization with the
law of deformation strengthening that is operative at a
corresponding stage of the plastic flow curve. Accord-
ing to the model suggested, the formation of such
ordered systems of plastic-flow zonesis due to the fact
that the randomly arising regions of localized deforma-
tion serve as acoustic lenses that focus the acoustic
radiation generated by relaxational events at a certain
distance from the operative deformation zone, which

ZUEV et al.

increases the probability of the realization of the next
event of plastic flow in the region of focusing.
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Abstract—The kinetics of impurity atmosphere formation and phase precipitation near the triple joints of
deformation boundaries of the cellular structure is considered. The decomposition of solid solutions of substi-
tutional impurities when an aloy is under high plastic strain is theoretically analyzed. © 2001 MAIK

“Nauka/Interperiodica” .

At large plagtic strainsin an alloy (¢ > 0.1-0.2), the
cellular structure with a characteristic cell size of
1-2 ym is formed [1, 2]. Microscopically, the forma
tion of such structures is due to two processes. glide
and climb of edge dislocations. Boundaries between
the cells are named deformation boundaries, since they
arise under plastic strain. If the structure continuity is
undisturbed, the disorientation of adjacent cells gener-
ates a self-balancing system of internal stresses. The
stresses are maximal near the triple joints of deforma-
tion boundaries. The dilatation field of thejointsissim-
ulated by a wedge disclination [3]. In the stress field
produced by disclinations of various sign, substitu-
tional impurities are separated: those with an atomic
radius larger than that of a solvent diffuse to the posi-
tive-dilatation disclination, while those with smaller
atomic radii move toward the negative-dilatation discli-
nation. If the impurity concentration near a wedge dis-
clination exceeds the solubility limit at a given temper-
ature, macroscopic concentration inhomogeneities like
impurity atmospheres or second-phase precipitates
arise, indicating the decomposition of impurity solid
solutions. In thiswork, we studied the kinetics of these
processes near the triple joints of deformation bound-
aries in the cellular structure. The decomposition of
solid solutions of substitutional impurities under high
plastic strain of an aloy istheoretically analyzed.

The potential of interaction between an impurity
atom and awedge disclination is given by

= Aln< = po(1+Vv)Av
% AIan, A=y D

where U isthe shear modulus, v is Poisson’sratio, wis
the magnitude of the disclination rotation vector, Av is
achange in the crystal volume when an impurity atom
isintroduced, and R, is the outer disclination radius.

The logarithmic divergence of the potential V at
r— 0and R, — o iseliminated if these parameters

are assumed to befinite. Theradiusr, of thewedge dis-
clination core is comparable to the characteristic thick-
ness of deformation boundaries (several interatomic
distances). The outer disclination radius R; equals half
the cell size. Since R,/r, = 10%, diffusion problems are
sometimes solved for an unbounded region. For a pos-
itive-dilatation wedge disclination (tensile stresses),
w< 0; for a negative-dilatation disclination, w > 0
(compressive stresses). Near the former, impurity
atmospheres with large atomic radii form; near the lat-
ter, smaller radius impurities are concentrated. Note
that the sign of Av changes with the disclination sign.
Therefore, the value of the potential V remains con-
stant. Physically, this means that diffusion of substitu-
tional impurities with various atomic radii toward asso-
ciated disclinations is governed by the same equations.

The formation kinetics of impurity atmospheres in
the vicinity of awedge disclination is described by the
unsteady-state equation of diffusion in the field of the
potential V subject to appropriate initial and boundary
conditions:

19C _ 0(CcOv)
53t - AC+ T (roSr<Ry), @
C(r,0) = Co, C(Ry,t) = Cy, C(ro,t) = Cqq,

where D is the impurity diffusion coefficient, k is the
Boltzmann constant, T is absolute temperature, C, is
the mean impurity concentration, and Cy, isthe equilib-
rium impurity concentration near the disclination core.

Let us briefly review the physical meaning of the
initial and boundary conditions adopted in our model.
At the initial time instant, the substitutional impurities
are uniformly distributed over the volume and their
concentration equals the mean concentration C,. The
same holds at the boundary r = R;. In physical terms,
this means that the loss of impurity atoms that move to
the disclination core (to the boundary r = R,) is com-
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pensated for by the atoms arriving from adjacent discli-
nations of the opposite sign. Thisfollows from the self-
balance of the stress system at the triple joints of cell
boundaries. The condition at the boundary r = r, means
that here the equilibrium impurity concentration is set
instantaneously and then remains unchanged through-
out the time of impurity distribution by diffusion. At
r =rgy, the equilibrium impurity concentration is con-
ventionally expressed as

Co = coexpElea 3)

r=rqy

The logarithmic coordinate dependence of the inter-
action potentia V significantly simplified problem (2):

10C _ 9°C  1+adC _A
53t - ?+ —5 O kT<0,(rosrsR1),
C(r,0) = Co, C(Ryt) = C,, 4
Clrot) = Coy = F2H.

The sign of the dimensional parameter a does not
depend on which (large or small) impurity atoms dif-
fuse to associated (positive- or negative-dilatation) dis-
clinations. In fact, when large impurity atoms diffuse to
apositive-dilatation disclination, a < 0, since w< 0 and
Av > 0. When small atoms diffuse to a negative-dilata-
tion disclination, o also < 0, since w > 0 and Av < 0.
This immediately follows from relationship (1). The
parameter a is the binding energy between an impurity
atom and a wedge disclination divided by thermal
energy. If |a] < 1, the stress field of a wedge disclina-
tion can be considered as a small perturbation of the
basic diffusion flux. If |a] > 1, the disclination field
governs the impurity diffusion flux. Finaly, at |a] =1,
the diffusion fluxes due to the potential V and concen-
tration gradients are comparable to each other. Let us
evaluate |a| for the Mo—Nb system. At KT =2 x 1070 ],
n=134x10"Pa,v=03, w=03rad, and Av = 2.7 x
1030 m3, we have |a| = 1. The disorientation angle
between adjacent cells w = 0.3 rad seems to be quite
reasonable for the strain € = 0.3.

Next, consider the kinetics of the formation of an
impurity atmosphere near a positive-dilatation wedge
disclination. For a = —1, the concentration field of large
impurity atomsis found from a solution to the problem

19C _ d°C
BE = ? (rOSrSRl),

C(r,O) = C01 C(Rl! t) = CO! (5)
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and has the form

Cq—-Co Ri—Tg
. T(r —ro) (6)
22 "R=Ty) [ T[anDt}
= exp .

T[n=1 n (Rl—ro)2

It is seen that the stress field of an wedge disclina-
tion turns the problem with cylindrical symmetry to the
plane problem; that is, a cylindrically symmetric impu-
rity atmosphere is formed according to the plane sym-
metry law. This greatly enhances the formation rate of
the impurity atmosphere, as directly follows from the
diffusion equations in (4) and (5). Indeed, al other
things being equal, at 0C/ar < 0, the rate of change of
the impurity concentration (0C/dt) in (5) is larger than
in (4) at a = 0 [the second term in the right of (4),
(L/r)(@Clor) < 0, diminishes 0C/ot]. The impurity
atmosphere here is formed because the large atoms
leave adjacent negative-dilatation disclinations. In the
vicinity of these disclinations, their own small-atom
atmospheres form (small atoms leave positive-dilata-
tion disclinations). The formation kinetics of the latter
also obeys (5) and (6). In other words, the solid solution
of substitutional impurities becomes layered. This is
typical of multicomponent aloys, where the atomic
radius of substitutional impurities differs from that of
the matrix metal. Therefore, in multicomponent alloys,
impurity atmospheres at the triple joints of deformation
boundaries have different compositions. Interstitial
impurities behave in a somewhat different manner.
They form atmospheres only near positive-dilatation
wedge disclinations, since any interstitial impurity
increases the crystal volume.

If the concentration of substitutional impurities near
wedge disclinations exceeds their solubility limit, new
phases appear. They nucleate and grow at wedge discli-
nations of various signs with an equal probability. The
growing precipitates capture the substitutional impuri-
tiesfrom the solid solution and depleteit. The diffusion
growth of precipitates proceeds as follows. First, a
nucleus with a characteristic radius R, rapidly forms;
then, it grows by diffusion. During this process, the
concentration of substitutional impurities at the moving
boundary of the precipitate changes stepwise: C=C; in
the new phase and C = C, in the surrounding matrix
(C,>C, and C, < C,, where C, is the mean impurity
concentration). In physical terms, this means that the
precipitate boundary instantaneously captures the
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impurities from the solid solution and delivers them to
the new phase with a higher concentration. Mathemat-
icaly, the problem of diffusion growth kinetics for the
new phase near awedge disclination is stated as

19C _ 9°C, 1+0adC A

—_— = — , a:_<
Dot 32 roor KT

0,
C(R! t) = C2! C(rv 0) = CO (r 2 RO)! C(OO, t) = CO’ (7)

O

r=R

ca

r

dR

dr

where R, is the radius of a new-phase nucleusand Ris
the current radius of the new phase.

It is assumed that the outer radius of awedge discli-
nation far exceeds the characteristic size of a precipi-
tate. Thisallowsusto consider the new-phase growthin
the infinite matrix. If there exist large substitutional
atoms (o = —1) near a positive-dilatation wedge discli-
nation, problem (7) takes the simpler form

19Cc _o°C
D ot

ar?

C(R 1) =C,, C(r,0)=C, (R=R;), C(e, 1) = Cy,(8)

e . co
Degr *ro_,

dR
(Cl_CZ)a

If precipitation is controlled by impurity diffusion,
the precipitate size grows according to the law R(t) =
B./Dt, where B is a dimensionless parameter of the
problem. Its value is found from the equation for mass
balance at the interface. In the fixed interface approxi-
mation, this equation turns to the quadratic equation
for B:

. 28
-

Other approaches (for example, the introduction of

the new variabler/2./Dt) will not qualitatively change
the growth kinetics but will make the equation for 3
more complicated [4]. Moreover, one should redlize
that the diffusion growth of precipitates is merely an
idealized model. In actual systems, second-phase pre-
Cipitation isgoverned by two processes: the diffusion of
impuritiesto theinterface and their absorption at it. The

growth kineticslaw changesfrom ~f[ to~t, whichever
prevails. Our approximation is valid when impurity

C-G
Ci-C,

2C,
C,-C,

= 0. )
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atoms are absorbed momentarily and, hence, diffusion
becomes the limiting stage of new-phase evolution.
With the initial and boundary conditions remaining
unchanged and a = 0in (7), we have

19C _9°c, 19C

5ot~ 52 ror
C(Rt) =C, C(r,0) =C,(r=R,), 10
C(oo,t) = C,,

_c,)9R - pHCo

Such a statement implies that the new phase grows
only owing to the impurity concentration gradient.
From the equation for mass balance at the interface, one
can derive the transcendental expression for the param-
eter 3;, which characterizes the growth kinetics accord-

ing to the law B,./Dt [5]:

B, = 2 K1(Bi/T/2)

Jm Ko(B14/102)’

where Ky(x) and K4(x) are modified Bessel functions of
zero- and first order, respectively.

A solution of Egs. (9) and (11) allows usto estimate
the effect of the stress field of a wedge disclination on
the precipitation kinetics. Without loss of generality,
weput C,=2x10% C,=10% and C, =3 x 10 at.%.
Then,

G -G

27 0 11
c-C, (11)

2_£_1 -0 _ iKl(Bl’\/ﬁlz).
- B JTK o(B1n/TU2)

Since K, (X)/Ky(X) > 1, B; > 1/./1t. On the other
hand, from the first relationship in (12), B = 1B +

1/./m, it follows that B > 1/./1t. Therefore, it isimpos-
sible to arrive at the expected inequality B > [3; without
numerical analysis. Numerically solving Egs. (12)
yields 3 = 1.3 and 3, = 0.8. For these values, the growth
kinetics is described by the relationships

(12)

R(t)-R, = 1.3./Dt, R(t)-R, = 0.8./Dt. (13)

One can see that the stress field due to a wedge dis-
clination (the model of triple joints at deformation
boundaries) significantly enhances the growth rate of
precipitates. Other values of the boundary concentra-
tion require merely anumerical refinement of 3 and f3;.
With small substitutional atoms present near a nega-
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tive-dilatation disclination, the growth kinetics of pre-
Cipitates obeys the same mathematical laws.

Thus, when an aloy is subjected to a high plastic
strain, the solid solution of substitutional impurities
decays. The decay isfavored largely by a great number
of triple joints (at deformation boundaries) that appear
during the formation of the cell structure. The distinc-
tive feature of these structural imperfections, which are
simulated by wedge disclinations, is that they generate
high stress fields. In fact, a wedge disclination, for
which g, ~ In(r/R) and N(t) ~ t (g, is the trace of the
normal stress tensor and N(t) is the time law of impu-
rity atmosphere formation), is the most powerful

defect. Next are a microcrack tip (o, ~ 1/./r, N(t) ~
t#5) and an edge dislocation (o, ~1/r, N(t) ~ t3) [6].
That is why impurity atmospheres and precipitates
form just near the triple joints of deformation bound-
aries. At ahigh plastic strain, the concentration of such
defects grows because the cells become smaller.
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Abstract—An analysis is carried out of the carbon clusters that may be immediate precursors of fullerenes.
Using quantum chemistry methods it is shown that these can be two-ring clusters with a single bond between
the rings. Possible initial steps of the transformation of a two-ring cluster into a fullerene have been outlined.
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In [1], a scheme for calculating the kinetics of
fullerene formation from multiple-ring structures was
proposed. All possible transformation routes can, in
principle, be followed in this scheme for a given start-
ing object and a prediction made about the fraction of
clusters closing under the conditions considered and
the fraction remaining unassembled. The scheme was
entirely speculative and based on the following
assumptions.

(1) Intermediate clusters in the growth of fullerenes
can be characterized by three parameters: the number
of pentagons N5, the number of hexagons Ng, and the
number of vacant radicals p.

(2) All topologically possible routes for the rings to
be bonded to the growing cluster nucleus are equivalent
and feasible.

(3) To describe the evolution of the clusters quite a
small number of reactionsis sufficient.

(4) Incompletely assembled clusters with a large
surplus of pentagons or hexagons (necks or shells) fail
to develop further and the bonds in them can only
break.

Before using this scheme in the calculation of
fullerene formation in an arc discharge, the starting
object has to be defined, the assumptions it is based
upon verified, and, if necessary, corrected. The present
study is devoted to solving the first of these problems.

We used both semi-empirical methods of quantum
chemistry (mainly the AM1 method) and various esti-
mates. With the help of the AM1 method, we deter-
mined the energies of given configurations and the cor-
responding atom positions. Specifying reactions inside
the cluster, one can calculate the parameters of the cor-
responding transition states and determine the reaction
probability based on the theory of transition state [2].

1. In order to successfully simulate the process of
fullerene formation in an arc discharge it is necessary
first of all to identify the most probable immediate pre-
cursors of fullerenes. As such precursors, either two-
ring clusters with four triply bonded atoms[3] or three-
ring clusters [4] were proposed. In these studies the
dynamics of such clusters was considered for the most
probable route in every instance. However, different
objects were not compared using the same method and
it was not determined which of them actually domi-
nates fullerene formation under specified conditions.

Experiments on the mobility in drift tubes[5] givea
definite picture of the evolution of carbon clustersup to
the phase of ring formation (atoms —» molecules —
chains —» rings). It can be supposed that the next
object on the route to fullerene formation will be atwo-
ring cluster produced as a result of the collision of
rings. ltsmost likely configurationsare shownin Fig. 1.
Cluster | forms when two rings collide in such a way
that the atom of one ring hits an atom of the other ring
and the inertia of the relative motion of the ringsis not
enough for overcoming the elasticity of the bonds.
Cluster 1l analyzed in [3] formsin a situation when the
two rings come within a bond’s length of one another
and then part of one ring penetrates the other ring. In

1 11 m

Fig. 1. Clusters with different topologies: (I) two-ring clus-
ter with two triply bonded atoms, (I1) two-ring cluster of the
two-ring adduct type[3], and (111) three-ring cluster.

1063-7842/01/4605-0573%21.00 © 2001 MAIK “Nauka/Interperiodica’



ALEKSEEV, DYUZHEV

388844

Fig. 2. First reactionsin the development of cluster |; forma-
tion of asingly bonded frame. N = 32.

0
—166 T T T T T T

-170
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-178+

—182+

—186
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Fig. 3. Energy variations in the evolution of two-ring clus-
ters1 (1) and 11 (2). Identical reaction chains are taken, Ny
isthe total number of pentagons and hexagons in a cluster.

Fig. 4. Energies of clusters (1) and fullerenes (2) as func-
tions of the number of atoms N. The zero of energy istaken
asthe value of the total energy of two rings of (N/2) atoms.

this case the inertia of motion overcomes the elasticity
of bonds and one more bond is formed. The minimum
additional kinetic energy needed in this casein equal to
the barrier for the rings to get close to each other and,
according to our estimates, amountsto 0.5-0.6 eV (the
sameasin [6]). Thus, the relative occurrence of the for-
mation reaction of cluster Il at atemperature of 0.25 eV
can be estimated at 10-20% of the total number of col-
lisions.

2. Consider the possible ways to transform clusters |
and Il into fullerenes and compare their efficiencies.
For cluster I, it will be natural to evolve through a
sequence of reactions producing pentagons and hexa-

gons (possibly also tetragons). One of thistype of reac-
tion chains is shown in Fig. 2. It is seen that in every
transformation phase, the cluster consists of a central
singly bonded frame and the remains of the rings (ring
fragments).

For clusters |1, this route is also possible, with the
growth point as one of the initial bonds. But the other
original bond usualy interfereswith the correct closing
of the structure and must eventually be broken. Yet even
prior to this, other conditions being equal, cluster Il
must be morerigid and less reactive than cluster |. This
isseenin Fig. 3, which shows the energy variation with
the evolution of the clusters. The reaction chainsfor the
two clusters are assumed to be identical. It is seen that
interms of energy, clusters|| arein aless advantageous
situation than clusters I. So, among the two-ring clus-
ters, cluster | isamore probable precursor of fullerenes.

3. The next step in solving the problem should have
been a comparison of the evolution of cluster | with
three-ring clusters 111 (Fig. 1) formed when a two-ring
cluster captures athird ring. Such clusters were consid-
ered in [4]. Under real conditions of an arc discharge,
clusters |11 are formed much farther away from the dis-
charge axis than clusters | and their concentration
should be much lower. Therefore, they should be taken
into account only if their rate of transformation into
fullerenes is at least 1-2 orders of magnitude higher
than that of type 1 clusters.

Thus, in the search for a fullerene precursor the
fullerene synthesis process should be considered prac-
tically throughout, i.e., major routes of convolution into
fullerene taken by two- and three-ring clusters of close
dimensions should be established and characteristic
evolution times for these routes compared. Then, con-
centrations of the two- and three-ring clusters in the
discharge should be estimated by calculating at least
some simplified transformation dynamics of the pre-
ceding clusters.

4. Consider the evolution of a two-ring cluster |
along chains of reactions in which only pentagons and
hexagons are formed (like the chain shown in Fig. 2).
Thereactionswere analyzed beginning with acluster of
N = 32 atoms, this being a minimum cluster size for
which a fullerene isomer exists with an energy lower
than that of the two-ring cluster (Fig. 4).

Directions of possible reactions for cluster | are
shown in Fig. 5 for a cluster with N = 40. In the varia-
tions shown in Fig. 6, in the course of reaction, the
energy AE and the reaction energy barrier E, as func-
tions of the number of atoms are shown for some reac-
tions. In the first step of reaction a, a bond forms
between the atoms of the ring that are the next closest
to the cross bond, resulting in a hexagon. In reaction b,
the first and the second diagonal atoms of the rings are
bonded. However, a stable pentagon failsto form (clus-
ter A) and the reaction is completed with one of the
atoms sticking out (cluster C). It can form a hexagon
(“D"), though it is evident that the total time of such a

TECHNICAL PHYSICS Vol. 46
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3888

o0,

Fig. 5. Formation reactions for pentagons and hexagonsin
the first evolutionary step of atwo-ring cluster I.

cascade reactionislonger than in reaction a, in which a
hexagon isformed at the very beginning. The barrier of
reaction a diminishes with cluster size from ~4 eV for
N =20to 1.8 eV for N =48.

In the second step of the route through the hexagon,
the double-bonded hexagon atom binds one of the ring
atoms, resulting in either tetragon T, pentagon P, or
hexagon H (reactions t, p, and h). The ring fragment
may also be divided into two approximately equal parts
(reaction m). It isseen in Fig. 6 that for small clusters,
the least energy is spent in the formation of the penta-
gon and, for larger clusters (starting with N = 44-46),
in type mreactions.

Topologicaly, cluster M is nearly equivalent to a
three-ring cluster considered in [4]. Though the barrier

of reaction m, EM” ~ 3.5 eV, is considerably higher

than EL™ , this reaction should be taken into account,

because when the number of atoms is large the three-
ring clusters, as shown below, they demonstrate a
higher rate of closing into a fullerene. On the other
hand, estimates show that in a real arc discharge, the
effective time of reaction mis still much larger than the
time of the third ring capture. Therefore, in what fol-

TECHNICAL PHYSICS Vol. 46 No.5 2001
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Fig. 6. Energiesinvolved in the reactions presented in Fig. 5
for different numbers N of the atoms: () energy variations
for different reactions; and (b) energy barriers for the reac-
tions.
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Fig. 7. Ladder route of the reactionswith a central tetragon.
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Fig. 8. Energy diagram for the evolution of the cluster with
acentral tetragon.
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lows, reactions p and m are considered in parallel and
the three-ring clusters proposed in [4] are not consid-
ered at all.

Reaction h consumes much more energy than p and,
as distinct from m, nothing is gained in subsequent
kinetics. Reaction t producing a tetragon at N = 36 is
somewhat less advantageous compared with p.
Besides, cluster T easily dips into a more preferable
configuration with one of the atoms sticking out (T1 in
Fig. 5). The same configuration is obtained most often
with cluster T when the optimization is started with a
bad approximation. In the next step a pentagon is
formed but with a different bonding of the rings (P1);
i.e., the end result is again a version of reaction p.

Thus, the process in which a fullerene is built only
from pentagons and hexagons requires no tailoring to
match the scheme but readily followsit.

5. The calculation of the development of the two-
ring cluster | using AM1 shows that this cluster trans-
forms into a cluster with a central tetragon (studied
alongside other clusters in [6]) practically without
meeting any barrier. It isnot known if thisresult istrue
or is a consequence of the tolerance of small valence
angles using this method. Therefore, it is necessary to
consider possible routes of evolution of the cluster with
acentral tetragon (Fig. 7, ), especialy since it has a
lower energy than cluster I.

There are two such routes. The first involves
increasing the number of M tetragons (Fig. 7, transition
D — Sl and so on). However, aong this route,
aready at M = 4, the cluster energy becomes very large
(Fig. 8, curve 1), which makes this route a dead-end.

A different method is more likdly (20 — RO —
R1linFig. 7). Thischain of reactionsis always prefera-
ble in terms of energy, especidly in the case of small

ALEKSEEV, DYUZHEV

two-ring clusters (Fig. 8, curve 2), and itslikelihood is
indirectly confirmed in experimentswith drift tubes[5].
The barrier for the second reaction of this chain
amountsto 3.4 eV at N=32o0r 4.7 eV a N = 40 and,
apparently, grows further with increasing N. Conse-
guently, the larger the cluster, the lower the possibility
of its developing into a simple ring. As will be shown
later, the transformation into a fullerene has the oppo-
site tendency.
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Abstract—An analysis of a large number of feasible routes for the transformation of two-ring clusters into
fullerenesis carried out. The applicability of aschemefor the abridged description of thistransformation devel-
oped earlier has been demonstrated as well as the fact that the formation of a small quantity of fullerenes with
less than 60 atoms results from the assembly kinetics alone, without resorting to symmetry considerations.
It has been shown that the assembly rate increases with cluster size, at least for clusters of less than 60 atoms.
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In [1], a scheme of a condensed description of the
transformation kinetics of multiple-ring carbon struc-
tures into fullerenes was proposed that can be used to
calculate the formation of fullerenes in an arc dis-
charge. It has been shown in [2] that the most probable
precursor of the fullerene is a two-ring cluster with a
single bond between the rings. The purpose of this
paper isto consider the kinetics of transformation of the
two-ring cluster into the fullerene.

CLOSING KINETICS OF THE TWO-RING
CLUSTER WITH THE FORMATION
OF A FULLERENE: QUALITATIVE

CONSIDERATION

1. Available computing facilities alow the closing
kinetics of atwo-ring cluster resulting in the formation
of afullereneto be calculated for clusterswith the num-
ber of atoms N not exceeding 40. In particular, for N =
32, acalculation of the cluster closing was performed,
taking into account all possible assembly routes, which
gave an estimate of the effect of multiplicity of assem-
bly routes and yielded statistical data on the probability
of various reactions in the course of assembly. For N =
40, the bonding energy variation was considered for a
fairly large number of the possible routes (about 20)
and some qualitative relationships were formulated.
For a number of typical routes, the reaction probabili-
ties were calculated and used to determine the total
time of evolution.

2. Figure 1 shows all reaction types adequate for
evolution of the cluster towards afullerene. Primed and
unprimed reactions differ in positions of the new car-

bon bond; they are inside or outside the ring fragment,
respectively.

For N = 32, the barriers of every reaction were cal-
culated for many configurations of the already assem-
bled frame. By way of example, Fig. 2 shows the bar-
rier height E, for reaction 5 as a function of the total

6' 8

Fig. 1. Reactions taken into account in the study of the evo-
Iution of carbon clusters.

1063-7842/01/4605-0577$21.00 © 2001 MAIK “Nauka/Interperiodica’
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Fig. 2. Energy barriersfor reaction 5.
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Fig. 3. Bond energy variation for some formation routes of
aclosed cluster of 40 atoms: (@) formation of nearly spher-
ical fullerene 1, (0) formation of polar fullerene 2, and (x)
intermediate case.

number of polygons Ny = N5 + Ng. The scatter of the
points corresponds to different evolution routes of the
cluster and isameasure of the sensitivity of thereaction
to a particular topology.

The probabilities of the reactions considered are
essentially different. The highest barriers and the larg-
est cup products AE are typical of hexagon formation
reactions, in which atoms located on different sides of
the ring fragment are bonded. For example, E, ~ 2.8—
3.0eV for reaction 2, and it is 3.5-3.8 eV for reaction 3.
This is due to the fact that the valence angles in frag-
ments consisting of asmall number of atoms are appre-

ALEKSEEV, DYUZHEV

ciably less. In reaction 4, a vacant radical is addition-
aly formed, which is a doubly connected atom with a
valence angle equal to or less than that in the hexagon,
2173 [3].

However, these reactions cannot be excluded,
because the clusters would then not close. Indeed, the
condition necessary for closing a cluster is as follows:
at N5 = 6, the number of hexagons Ng should be at least
half the number of hexagons in the assembled

fullerene, N = N/2—-10, and at N > 6, the inequality

Ng/ N > Ng/12 should hold. If this condition is not

met and the pentagons are too numerous, then the clus-
ters cannot close without heptagons and octagons
needed to form the constriction. This follows from the
need to meet the Eulerian criterion 2N, + N5 =12+ N, +
2Ns. The energy of such clustersisvery large and their
formation is unlikely.

Thus, if the number of pentagons in the assembling
cluster is close to the critical value, the most probable
of the hexagon formation reactions should take place,
even though its probability is lower than that of penta-
gon formation.

3. In Fig. 3, the dependences are given of the bond-
ing energy of a cluster consisting of 40 atoms (N = 40)
on the total number of polygonsin cluster Ns. Curve 1
corresponds to the case where a spherical fullerene is
formed of pentagons and hexagons arranged with max-
imum uniformity. Curve 2 corresponds to a polar
fullerene with compact groups of pentagons concen-
trated on the opposite poles of the cluster. Curve 3isan
intermediate configuration.

It is seen that the energy maximum for the spherical
fullerene is high, because many radicals are present in
the growing cluster and, in general, this entire route
appears hardly probable. The route leading to the polar
fullereneis also nonoptimal, because it has been found
that the absolute energy minima at N # 36, 48, and 60
are reached in an unclosed state. Between these two
extremes, there are alot of intermediate situations and
it is not possible to indicate an optimum one, let alone
apriori.

4. Thus, it appears important to calculate an ensem-
ble of isolated clusters composed of 32 atoms and try
al the possible routes to a closed (or nearly closed)
structure. It was assumed that at the initial moment of
time, only two-ring clusters are present. Later, some of
the clusters move into energetically more advantageous
states. For N = 32, six of such closed clusters were
taken. A system of balanced equations was solved for
al intermediate clusters (atotal of 156). At every step,
al reactions were taken into account for which the
maximum and minimum probabilities differed up to
two orders of magnitude at a typical temperature of
0.25-0.30 eV. For N = 32, when afullerene should have
only six hexagons, this approach is sufficient to make
the control of the right ratio between N5 and Ng unnec-
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essary. Apart from the last stage of closing, the cluster
evolves only through the addition of new pentagons and
hexagons.

The characteristic concentration rise time 1 = L/
at atemperature of 0.28 eV was found to be 0.7 s. Cal-
culations for a few arbitrarily chosen routes leading to
a closed structure yielded 1 2 10 s. So, taking into
account the variety of routes alone reduced t- by more
than an order of magnitude.

Of course, the practical value of this calculation is
not very great, because under conditions prevailingin a
real arc discharge a cluster like thisis certain to trap a
lot of small carbon fragments, such as C;, C,, or Cj.
However, methodologically such a calculation is
important for revealing a number of the process fea
tures that support the simplified scheme [1].

(& There is no unique well-pronounced optimal
route. Variations of the concentrations of a number of
clusters with Ny = 7 chosen fully at random are shown
in Fig. 4. The curves correspond to the shortest charac-
teristic time, which isthe time needed for the establish-
ment of a quasi-stationary flow from the initial cluster
to the ultimate one in Ny space. It is seen that all the
concentrations are of the same order of magnitude.

(b) Most ways of bonding the rings to the nucleus
arerealized and have approximately equal importance.
Figure 5 shows variations of the concentration for three
versions of the cluster with Ny = 7 for the same times.
Curves 2 in Figs. 4 and 5 refer to the same cluster. Itis
again seen that all three concentrations are of the same
order of magnitude.

5. Let usnow estimate the characteristic timefor the
transformation of a two-ring cluster into a fullerene at
N = 40. For the sake of simplicity, we take one chain of
reactions. The reaction probabilities

Wone1 = (QT/D)(Q*/Qp) exp[~(E* —E,)/T] (1)

will be determined from the energies of theinitia, final
and intermediate states, E,, E,, .. ;, and E*, respectively.
Statistical sums Q,, Q, .1, and Q* consist of the trans-
lational, vibrational Q,;,, and rotational Q,,; termsgiven
by the usual formulas. In an approximation of harmonic

oscillators, Qi, = 1/ |_|i [ 1 - exp(-hvi/qT)], where the

index i denotes the vibrational degrees of freedom i =
1,2, ...,3N-6. InEq. (1) Plank’s constant h = 6.625 x
10?7 erg s, g = 1.6 x 1022 erg/eV and the temperature
isineVv.

In deriving the transformation rate along the chain
of reactionsl — 2 — 3 ... — G — F (where F
isafullerene and state G correspondsto the cluster pre-
ceding the energy maximum), the reverse reaction
F — Gisconsidered negligible. Then theterm wi can
be estimated without solving the nonstationary prob-
lem. It will only be required to write the balance reac-
tions for the intermediate states “k” (k > 1) in terms of
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Fig. 4. Variation of the concentration with time for three
arbitrarily chosen clusters (1-3).
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Fig. 5. Variation with time of the concentration of clusters
having the same nucleus of polygons with ring fragments
attached in different ways (1-3).

the population y, = n/n® (n being an equilibrium

population) and set dy,/dt = 0 in al equations. Together
with the balance equation for n;,

We = (1/ny)dn,/dt = wip(1-Y,). 2

This procedure gives the decay rate of the initial
state, which is determined from a system of algebraic
equations. It was found to be

-1
W,
) (3)

= 1wy, + 1/QWos + 1/QaWay + ... + 1/QWege,
wherew;,, W3, and wy, are probabilities of thefirst and
subsequent direct reactions; Q, = (QJ/Qy) exp(—HE, —
E)/T).

The meaning of Eq. (3) is straightforward: the total
time taken to overcome the overall potential barrier isa
sum of the effective timest, of overcoming the barriers
for the component reactions, t, being longer than the
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Fig. 6. Energies of two-ring clusters with different numbers
of atoms: N =40 (1), 48 (2).
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Fig. 7. Variation with N of the total energy of bonds in the
caseinwhich AN atoms break away in thefinal stage of con-
struction.

actual reaction time by afactor of 1/Q,. Assuming that
the clusters beyond the bottleneck are in equilibrium
with the fullerene, formula (3) can be refined:

G
—1
W =lwp+ Y VW,
2

. (4)

H(NEMY) Y Qi a/ QWi g,

i:§+1

where N =g (t —» ), n) = ny(t=0).

If the energy peak iswell defined (bottleneck), then

W= (qT/h)(Q*/Q)(Qs/Qu) exp(-Eo/T),  (9)

where Q*/Q isthetypical ratio of the statistical sums of
the intermediate and initial states characteristic of the
new bond formation reaction and the ratio Qg/Q; is of

the order of (Q, . /Q.)°.

It is seen thus seen that the peak position is equally
important as the barrier height.

The peak position depends on the number of atoms.

Figure 6 shows energy variations in the course of con-
struction of the fullerene from two-ring clusters with

ALEKSEEV, DYUZHEV

N =40 (curve 1) and N = 48 (curve 2). It is seen that an
energy risein the first stages of construction then gives
way to an interval, in which the energy variation is
weak apart from minor local peaks due to particular
reactions. Thisis due to the fact that the gain in energy
from the bonding of the atomsbeginsto prevail over the
energy of the curved surface. However, at low N, the
lowering of energy is counteracted by larger stressesin
the ring fragments because of smaller angles. So, at N =
40, anoticeable drop in energy beginsonly at Ny = 10—
12 (in Fig. 6 Ny = 16). As N is increased and the rings
become larger, the energy drop starts earlier (N5 = 6-8
at N = 48).

Thus, with an increasing number of atoms in the
cluster, its assembly rate increases. As shown above,
T > 10 sfor N = 32, while the characteristic time cal-
culated taking into account the multiplicity of routesis
T = 0.7 s. For N =40, we have (Q4/Q,) ~10“for G~8
and 1 isequal to 107 s. For N = 48, the reduction of the
statistical sum in the maximum in steps 56 does not
exceed 102 and the estimated value of 1 is about 102,
Extrapolation to 60 atoms (using datafor N = 24, 32, 40,
44, and 48) taking into account the multiplicity of routes
isT-=10%-10°s.

SPECIFIC FEATURES OF THE FINAL STAGE
OF CLOSING OF THE CARBON CLUSTER
INTO A FULLERENE

Consider in more detail the fina reactions, which
close the cluster and give it its ultimate appearance. It
is evident that with arbitrary ring sizes in the initia
two-ring cluster the precise closing is a rare event
(internal transformations of the Stone-Wales type in
the assembled part of the clusters do not affect the sur-
face edge topology and ring fragments).

Typical structural defects appearing in the final
assembly steps are small ring fragments, which must be
discarded. In Fig. 7, adependence is shown of the vari-
ation of the total energy needed to break the bonds of
AN atoms on the number of atoms in the cluster N.
The cluster topology was assumed such that exactly
this number of atoms AN was superfluous regarding the
closing into a fullerene. In Fig. 7, solid circles corre-
spond to AN = 2 and crosses and open circlesto AN = 4.
The scatter in the data is due to the fact that for N =
const different clusters can have the same size N.

It is seen that AE > 0 aslong as N is below 62-65
and the discarding reaction is never favored. On the
other hand, at 36 < N < 60, there is a wide class of
nearly flawless clusters with a few extra atoms whose
energy is much lower than that of the initial two-ring
clusters. However, it hard for them to get rid of the extra
atoms, whereas, due to reaction-active doubly bonded
atoms, they should be easily incorporated into the soot
particles. Thisthe reason why the amount of fullerenes
with N < 60 isaways small, even after annealing for an
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unlimited time, despite their being more favored than
theinitial products in some cases.

THE RATE OF TRANSFORMATION OF CARBON
CLUSTERS INTO FULLERENES:
THE ABRIDGED DESCRIPTION SCHEME

1. The abridged scheme proposed in [1] is efficient
when the number of atoms in a cluster is large and a
direct consideration of al the possible intermediate
clusters is cumbersome. However, as shown above, at
N > 48-50, several assembly routes are available with
well-defined energy peaks for Ny = 57, and for deter-
mining the characteristic transformation time, the
details of further assembly are of little consequence. It
is enough to have information on clusters with Ny < 5—
7 obtainable by extrapolation of the datafor N = 24, 32,
40, and 44, or to generalize the calculation for N = 32
and not to use the abridged description scheme. How-
ever, by using thisschemeit is easy to take into account
an important class of reactions which have not been
considered even for N = 32, namely, the reactions in
which new pentagons and hexagons are formed in a
process involving short-moving triangles and tetragons
and atoms that stick out. Therefore, it will be useful to
discuss this scheme again.

2. In the analysis above, it has been demonstrated
that the evolution of the clustersisin fact a progression
through atable (N5, Ng) referred to in [1] as an activity
table. In Fig. 8, an activity table illustrating the evolu-
tion of a cluster with N = 44 is presented. The area
below straight line 1 isashell region | containing clus-
ters with a surplus of hexagons. This region is practi-
cally unpopulated, because the prevailing progression
direction of the clustersis different, leading towardsthe
region of excess pentagons. Theareall aboveline 2, the
constriction region, is also poorly populated. As
already noted, a cluster coming to the boundary of this
region is either reflected with the disintegration of a
pentagon or a new hexagon is formed. Therefore, the
progression of a cluster towards becoming a fullerene
occurs within the region bounded by lines 1 and 2. For
every N value, the cluster progression was followed up
to the assembly stage approximately corresponding to
the energy peak and influenced by the number of atoms
(thefullerene diagonal D in Fig. 8). It was assumed that
all clusters belonging to the diagonal D transform into
fullerenes with equal probability. Thisistrue of afrac-
tion of clusters with N < 60 and of most of the clusters
with N > 6265 (because of the loss of 2-5 extra
atoms).

3. Progression of a cluster is determined by its
energy. Let the cluster energy be
E = Egane—Er " (Rs—P5)

© (6)
- Er (R6 - p6) + Ering + E(y),
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Fig. 8. Cluster activity table for N = 44.

where Eyame— E;” (Rs—Ps) — Er” (Rg—po) istheframe
energy minus the energy of radicals at the edge; ps 6
and Rs ¢ is the number of actual and potential pentago-
nal and hexagonal radicals, R=R; + Ry =2m+ ps + pg
is the total number of radicals; misthe number of ring
fragments; E isthe total bonding energy of atomsin
the ring fragments; and E(y) is the distortion energy at
the frame—ring fragment junction.

The frame energy islocalized in the bonds between
the frame atoms. It depends on the shape and can be
characterized by the number of potentia pentagonal
(Rs) and hexagonal (Rg) radicals. As mentioned above,
assembled fullerenes can have two limiting configura-
tions: nearly spherical or polar. In the first case, the
energy of the curved surface is a minimum, and in the
second, it is a maximum. The same properties are dis-
played by the framesin the process of assembly.

In a spherical frame, the numbers of radicals RY

R and the edge energy are the highest. Energy E©
for this frame is expressed through the energy of the

fullerene, Ef(N? , N?) as
O - B _E (NO, NO)
3NO+30 0

where B is the number of bonds in the frame.

The quantity B is determined from topological rela-
tionships [1]:

Ng = —2+2(N5+Ng)+R, Ng=N;+N,+R,
N; + Ng = 3N5+4Ng + 2,
B = Np+2N5+3Ng+ 3.

Here, N, isthe total number of atomsin the frame; Ris
the total number of potential radicals; N; is the number
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of internal atoms of the frame; and N, is the number of
triply bonded atoms at the frame edge. We get B =
3(Ns + Ng) + R Inapolar frame, the energy of distorted
valence angles is the highest, while the number of rad-

icals R” , RY and the edge energy are the lowest. The

cluster with a minimum elongation represents a struc-
ture of six pentagons and the central hexagon with a
growth of a “nanotube” of hexagons. At N;= 6 there
can be any number of hexagons Ng, whereas at N5 > 6

itisNg= Ngo) —1 =6k, wherekisan integer. The num-
ber of radicals R(el) a N; = 6 is given by a periodic
function of Ng at Ng = 7, 13, 20, ..., R =6 and for

other N; values RS = 7. The number R is zero at

N5 = 6 and is uniquely defined for other tube closing
reactions at N; > 6. In contrast to the spherical
fullerene, the pair of numbers (N5, Ng) uniquely defines
the shape of the cluster for the nanotube so that it can
be explicitly constructed, and its energy is E®. The
position of any cluster between these extreme cases is
determined by the numbers of radicals R;, R; in the

ranges between R®” and RY , R and R, and the
frame energy by linear extrapolation between the ener-
gies of the spherical cluster E© and the nanotube EWM:

0 0
Eframe = E( )+ R(l) (0)(R5 RE') ))
5 — N5
g® E(O)(Rﬁ_ R(O))
Ry —R? °

The energy of ring fragments E,, given by the sec-
ond term in formula (6) was determined from the fol-
lowing considerations. In every fragment, there are
Ng = (N—=Ng/matomsand (Ng— 1) bonds, each binding
two atoms of the fragment. A closed ring will have a
number of bondslarger by A (A ~2). Thus, in aclosed
ring the total number of bondsis (N + A + 1), giving
the total energy of the ring fragments as

Ngp—1 Ng+A+1
Ering = mm ring )
where E:\ilﬁg”H
atoms.

The last energy term in Eqg. (6) is the energy local-
ized in the vicinity of the frame—ring fragment bonds.
This energy is minimal if the number of atoms in the
rings is exactly that needed for constructing the
fullerene and depends on a mismatch parameter

y = N — N,
NO N,

! isthe energy of aring of Ng+ A + 1

where NO = 2N + 20,
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The energy E(y) was expressed as E(y) = C, +
C.(Ns/12)%y, where C, and C, are constants, C, being
close to the atomic bond energy.

4. For calculating the energy of any cluster using
Eqg. (6), in addition to numbers Ns, Ng, the numbers of
three radicals are required—ps, pg, and Rs—because
the energy at the edge is determined by the number of
actual radicals ps, pg, while the energy of the con-
structed surface depends on the number of potentia
radicals Ry and R;. For N = 60, it is necessary to con-
sider about 20 triplets of numbers (ps, pg, and Rs), but
for a cluster with a constant number of atoms isolated
from the contact with small carbon fragments, this
problem is quite solvable.

The parameters in the expression for the energy
terms were fitted using the least squares method and
data for approximately 40 clusters. The energies of al
clusters calculated with the obtained parameters dif-
fered from the exact values (calculated by AM 1) by not
more than 1 eV.

5. The performed calculations and estimates, on one
hand, confirm the qualitative assumptions on which the
scheme of [1] is based, and, on the other hand, suggest
a need for some modifications. So, it was erroneously
assumed in [1] that the configurations corresponding to
bottlenecks, which have a greater number of bonds,
have lesser energy than the initial cluster, and that the
number of such clustersis large. Quantum mechanical
calculations demonstrate that the opposite is true.
Region Il in Fig. 8 a N5 > 6 is anatura area of attrac-
tion for the clusters and, simultaneously, a dead-end
region with avery high cluster energy. As noted above,
an ultimate closed cluster, if favored, skips this region
at the expense of the reaction of hexagon formation at
a certain assembly stage (even if the probability of
these reactions is 1-2 orders lower than that of penta-
gon formation). In the energy diagram depicting the
evolution of a rea cluster, these reactions introduce
characteristic peaks (Fig. 6). As a rule, the cluster
energy diminishes between the peaks, becausereaction 5
(Fig. 1) leads to the disappearance of a radical. The
peak positions for different routes are variable.

If al the clusters with specified N5, Ng, and R are
treated as one obj ect, the consequencewill not be alast-
ing one: at the next step, an average cluster almost cer-
tainly will follow a reaction with a lower barrier and
more often than not it will be the pentagon formation
reaction. If the cluster already has many pentagons, it
will shoot out to the dead-end part of the activity table.
It can get back to the main active region only by break-
ing bonds. It was considered, therefore, that when an
average cluster with Ng > 6 is found in the last active
cell adjacent to region I, a hexagon will form by the
most probable reaction of thistype 8 or 2' (Fig. 1). If
these reactions are not possible for topol ogical reasons,
then reactions 2, 3, or 3' will take place. The most prob-
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Fig. 9. Characteristic time of transformation into fullerene
vs. the number of atomsin theinitia cluster.

able reaction for the same topologies is reaction 5; the
other reactions are frozen.

For the active part of the table (highlighted cellsin
Fig. 8) at N5 > 6, the principle of conditional probability
was also applied: only the most probable reactions of
hexagon formation occur, first reaction 8, then 2, and
only when the required surface configurations are lack-
ing do other reactions become possible. Of course, this
modification is applicable only to fairly small clusters
(N < 44-46). At large N, the clusters with N; > 6 are
found on the falling branch of the energy diagram (i.e.,
below the fullerene diagonal) and need not be consid-
ered.

6. In Fig. 9, the major result of the calculations is
presented, which is the dependence of the transforma-
tiontime 1 on N. The starting objectsin the calculation
scheme were clusters with a central hexagon obtained
as aresult of aring fragment being divided in two and
the subsequent formation of a pentagon (N5 =1, Ng =1,
m = 3). The temperature was assumed constant at
0.28 eV. A significant reduction of the assembly time
with an increasing number of atomsis seen. The quali-
tative discussion of this result was given above.

Certainly, the long times obtained in this isolated
scheme at N < 40 are not obtainable under gas dis-
charge conditions where the cluster will have high
chances of capturing small fragments like C,, C,, or
C;. However, the derived relationships for the transfor-
mation of multiple-ring clusters into fullerenes open
new aspects of the dynamicsof their formationinanarc
discharge.

CONCLUSION

In subsequent computational work on fullerene for-
mation in gas discharge plasma, the following prob-
lems must be solved. It is necessary to develop atheory
of arc discharge between graphite electrodes in inert
gases at low pressures. In gas discharge physics, thearc

TECHNICAL PHYSICS Vol. 46

No. 5 2001

583

in which the plasmaforming material is the product of
anode erosion practically has not been considered. This
theory should not be too complicated, because it is
intended as a component of the general calculation pro-
cedure. Thetheory should supply not only theinitial con-
ditions of the plasmajet exiting the interel ectode gap but
also the radia concentration of the charged particles,
because, as shown in computer simulations, the charge
residing on acluster can change its dynamics [4].

It is necessary to clarify the role of the buffer gasin
thefullerene formation process. From experiments, it is
known that the best inert gas for the purposeis helium,
and with increasing molecular weight of the inert gas,
the fullerene formation efficiency decreases [5]. This
experimental observation should be given a theoretical
explanation.

The role of small clusters in the formation of poly-
cyclic clusters and the building of fullerenes should be
identified. There is thermodynamic evidence that at the
temperature optimal for preparation of fullerenes (0.2—
0.3 eV) and the typical total carbon concentration, the
equilibrium concentration of carbon atoms and mole-
cules is extremely low. In this case the assembly of
fullerenes is possible only by internal reactions in the
already formed multiple-ring clusters and only if these
clusters are in an area of optimum temperature for a
sufficient amount of time. It is possible, however, that
these processes are al nonequilibrium and that the opti-
mum conditions for fullerene formation are different.
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Abstract—Pt/W/Cr/SiC Schottky-barrier diodes that retain good electrophysical parameters up to 450°C are
studied. With the Auger electron spectroscopy (AES) method, it is shown that the thermal stability is provided
by using amultilayer metal composition that ensuresthe metal/SiC interface stability. The surface-barrier struc-
tures obtained are tested for radiation hardness. They are irradiated by fast neutrons with a fluence of 4.42 x
10% n/cm? and attendant y radiation with a dose of 8.67 x 10° R in the concentration range of Ny— N, = 1016~

5 x 107 cm3. Irreversible modifications of the structures at Ny — N, < 8 x 106 cm are found. The degradation
of the parametersisinversely proportional to the doping level. © 2001 MAIK “ Nauka/Interperiodica” .

Today, silicon carbide devices are viewed as basic
components of extreme electronics. Emphasis in this
area is on contact systems, which must retain good
electrical performance at high temperatures and when
subjected to high-intensity ionizing radiation.

The effect of thermal annealing on the properties of
metal/SIC (Me/SIC) surface-barrier structures was
studied in [1-3], where Au, Pt, Hf, Ni, Ti, Cr, etc. were
employed as barrier-forming metals. It was found that
the electrical performance of the diodes irreversibly
degrades when the devices are subjected to high tem-
peratures (300—700°C). This shrinks the range of oper-
ating temperatures. For example, data on the efficiency
of Au/SiC-based Schottky diodes are available only for
temperatures of 300°C or below [4].

It isobviousthat the thermal stability of the contacts
is governed largely by the properties of the Me/SIC
interface. Ways of improving the stability of the transi-
tion layer have been considered in a number of works.
In particular, it was shown [5] that metals, such as Cr,
W, Ta, and Mo, aswell as associated multilayer compo-
sitions, are promising materials for high-temperature
rectifying contacts. Such a conclusion is based on AES
profiles taken from the Me/SiC interface during high-
temperature treatment of the contacts. The possibility
of Cr/SIC diodes being used as temperature-sensitive
transducers with conversion linearity up to 400°C was
demonstrated in [6].

It was the am of this work to create SiC-based
Schottky diodes whose current—voltage characteristic
(CVC) remains stable up to 450°C, to discover factors
responsible for their thermal stability, and to estimate
the radiation hardness of the devices.

In experiments, we used n-SiC single crystals of
polytypic modification 6H that were covered by epitax-
ial films (Ng — N, = 10*-10'" cm) grown by vacuum

sublimation on the Si(0001) face [7]. Prior to metal
application, the surface wasfirst treated by the standard
technology and then (immediately before the deposi-
tion) finished by rapid argon bombardment (the energy
=400 eV). Ohmic contacts were formed by applying a
0.3-pm-thick nickel film on the C face of SiC by mag-
netron sputtering with subsequent annealing in a vac-
uum at 1000°C for 3 min. A Cr/W/Pt multilayer system
was applied in a single vacuum cycle by magnetron
sputtering of the metals onto Si wafers preheated to
200°C. The metal films were 0.1 to 0.15 um thick, and
the surface area of the contacts was 5 x 10 cm?. The
electrophysical parameters of the diodes were stabi-
lized by heat treatment in a vacuum at 500°C for
10 min. The devices thus prepared were intended to
withstand temperatures up to 450°C.

The Schottky barrier heights derived from capaci-
tance—voltage (C-V) curvestaken from the heat-treated
structures were found to vary between 0.9 and 1.05 eV,
which is 0.2-0.25 eV lower than in untreated devices.
This can be related to changes in the chemical compo-
sition and structure of the metal/semiconductor inter-
face.

The rectification ratios of CVCs of the structures
(Fig. 1) wereK, = 107 at 20°C and K, = 10? at 400°C for
U, =1V. Thenonideality ratio of the room-temperature
CVCisn=1.12 and drops with increasing temperature
(insetin Fig. 1).

To study the thermal stability of the surface-barrier
structures, we annealed them in a vacuum at 450°C for
50 h. As follows from the room-temperature CVCs
(Fig. 1), the heat treatment does not change the rectify-
ing properties of the structures. Moreover, the el ectrical
performance of the devices does not degrade even after
subsequent 10-min annealing at 700°C. AES concen-
tration profiles from the PYW/Cr/SIC system (Fig. 2)

1063-7842/01/4605-0584%$21.00 © 2001 MAIK “Nauka/Interperiodica’
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Fig. 1. CVCsof the Pt/W/Cr/SiC surface-barrier structures.
0, as-prepared structure; m, after annealing at 450°C for
50 h. The inset shows the temperature dependences of the
rectification ratio K, and nonideality coefficient n.

show adlight modification of the Cr/SiC interface, indi-
cating the efficiency of the tungsten barrier, which pre-
vents interdiffusion of platinum and chromium.

The heat treatment at the stage of fabricating the
diode structure and aso the long-term stabilizing
annealing form atransition layer of chromium carbides
(hatched regions in Figs. 2a, 2¢). The chromium car-
bides were identified from the fine structure of the KWW
carbon lines (Fig. 2b). The silicon lines remain
unchanged. This indicates that diffusion, causing the
chromium carbides to appear, is of an activation char-
acter. Theresulting carbides suppressthe growth of sili-
cide phases. Chromium carbides are known to have a
high thermal stability [8]. Therefore, the transition
layer with thickness of about 30 nm stabilizes the
Me/SiC interface and acts as an efficient diffusion bar-
rier at temperatures near 450°C.

As was noted, devices of extreme electronics may
simultaneously be subjected to high temperatures and
ionizing radiation. Therefore, of interest was to study
the operation of the high-temperature Schottky diodes
exposed to high-dose radiation. Obvioudly, radiation-
induced defects, modifying the properties of the semi-
conductor, may severely affect the CV C of the device.
A feature of defect formation in 6H SiC upon irradia-
tion is that resulting defect centers are very deep and
temperatures necessary to anneal out the defects are
very high (T = 1000°C). Therefore, the properties of the
diodes cannot be restored at operating temperatures
(400-600°C) [9]. In view of this circumstance, wetried
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Fig. 2. (a, ¢) Depth profiles of the elements for the
Pt/W/Cr/SiC system and (b) Auger lines of carbon (KVV) in
chromium carbide and silicon carbide.

to trace a correl ation between the radiation hardness of
the Schottky diodes and theinitial doping level in SIC.

Radiation hardness tests were performed on Schot-
tky diodes with dopant concentrations of 10% (type 1),
3 x 10'° (type 2), and 10'" cm3 (type 3) in the epitaxial
films. Irradiation was carried out with a BARS pulsed
reactor (SPELS Co., Moscow). The devicesto be tested
were placed in the central path of the reactor at a site
where the particle fluence was calibrated to maximum.
The neutron energies varied between 0.1 and 3.0 MeV.
Along with neutron irradiation, the devices were
exposed to y radiation. The total fluence of neutrons
was 4.42 x 10'° n/cm?, and the dose of attendant y radi-
ation was D, = 8.67 x 10° R. After aging for atime, the
devices were annealed at 600°C for 10 min, their elec-
trophysical parameters were studied with DLTS, and
C-V and |-V curves were recorded.

It was found that the CVCs of the type-3 devices
remain unchanged (Fig. 3a), while those of the type-1
and type-2 devices change irreversibly (Fig. 3b). The
reason is a sharp increase in the series resistance
because of material compensation by radiation-induced
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107! (a)

10—10 1 1 1 1
0 5 10 15 U], v

Fig. 3. CVCsof the Schottky diodes (00) before and (m) after
fast neutron irradiation for the initial value of Ny — N =
() 101" cm™3 and (b) (1-3) x 10® cm 3.
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Fig. 4. C-V curves for the type-3 structures () before and
(¢) efter irradiation. The inset shows the DLTS spectrain
the 6H SiC diode structure after irradiation.

defects. Annealing at 600°C does nhot restore the char-
acteristics even partially.

The degree of compensation was estimated from the
C-V curves (Fig. 4). Inthe irradiated type-3 structures,
the concentration of uncompensated donors was cal cu-
lated by the formula

(Ng—Na)" = (Ng—Nj)tan(a,)/tan(az) (1)

and equaled (Ng— N,)' = 7 x 10 cm3. The concentra-
tion of compensating centers was estimated at 3 x
10% cm 3,

Asfollowsfrom our DLTS data (inset in Fig. 4) and
data for deep radiation-induced centersin 6H SIC [9],
the compensation effect after irradiation and annealing
is due to deep centers with activation energies of 0.35
and 0.6-0.8 eV (reckoned from the conduction band
bottom).

Thus, Pt/W/Cr/SiC Schottky diodes studied in this
work retain good el ectrophysical parametersfor 50 h at
450°C. The thermal stability is provided by using the
multilayer metal composition that ensures the stability
of the Me/SiC interface. The radiation hardness of the
structures depends on theinitial doping level. When the
structures (with dopant concentrations in the range of
Ny — N, = 105 x 10 cm) are simultaneously
exposed to fast neutrons (the fluence 4.42 x 10% n/cm?)
and yradiation (the dose 8.67 x 10° R), the barrier prop-
erties irreversibly degrade at Ny — N, < 8 x 10 cmr3,
The degradation isinversely proportional to the doping
level.
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Abstract—For the moire visualization of macroscopic defects in composite periodic structures by comparing
a structure under study with the reference, it is proposed that rerecorded moire patterns from each of the sub-
structures be used as reference ones. The use of the rerecorded moire patterns obtained by filtering complex
conjugate orders of diffraction improvesthe sensitivity of the method. © 2001 MAIK “ Nauka/Interperiodica” .

INTRODUCTION

For the visualization of macroscopic defects in
objects with a digtinct periodic structure, the moire
methods are preferable[1, 2]. They are simple and have
nearly the same accuracy as the interference methods
[3, 4]. If amacrodefect of the periodic structure shows
up as adeviation of the structure period from the mean
value, the sensitivities of both methods are nearly equal
but the moire methods do not require high-coherence
light sources. If the object represents the superposition
of several periodic substructures, one usually needs to
visualize macrodefectsin each of the substructures sep-
arately. In this case, preference is given to the interfer-
ence methods, since the moire methods necessitate
additional spatial filtering. The sensitivity of the inter-
ference methods can be improved by using higher
orders of diffraction [5, 6]. In the moire methods, to do
this would require filtering higher diffraction orders or
using reference periodic transparencies of ahigher car-
rier frequency [2, 7, 8].

DESCRIPTION OF THE METHOD

The scope of this work is the moire visualization of
macroscopic defects in compoasite periodic structures
by comparing the moire pattern of the overall structure
with the rerecorded substructure pattern used asthe ref-
erence ones. It is also proposed to rerecord the sub-
structure patterns by separating complex conjugate dif-
fraction orders with spatial filtering. If an entire com-
posite structure to be studied consists of N elementary
periodic structures (substructures), N separate moire
patterns must be rerecorded. The use of the complex
conjugate orders alowsa2n-fold decreasein the period
of the substructure rerecorded, where nisthe number of
the diffraction order filtered.

The amplitude transmittance of a composite peri-
odic structure consisting of N elementary structures can

be represented as the product of the transmittances of
the elementary structures:

T =TT X ... XTy. D

In (1), the amplitude transmittances of the ith ele-
mentary structure in the reference composite structure
and in the composite structure under study are repre-
sented as the Fourier expansions

+o00

Ty =T+ z amcos[m(K;r +¢; +¢)], %)

+o00

T, = To+ ) aincos[m(Kir +¢;)], ©)

m=1

where 1, and T, are constants, a,, and a;, are coeffi-
cients, K; isthe vector of theith structure that liesin its
plane and is orthogonal to its grooves, r is the radius
vector of a point, ¢; is afunction describing the devia-
tion of the period of the ith elementary reference struc-
ture from the mean value T; = 217|K,|, and ¢; is a func-
tion characterizing macrodefectsin the structure. Rere-
cording of the reference composite structure to obtain
separate patterns can be done by well-known methods
of high-sensitivity holographic interferometry [9-11].
One-beam approach seems to be optimal for our
objects, since it allows rerecording by incoherent light
[9]. The magnification of the optical systems must
equal unity in this process. If the nth diffraction orders
are separated out and linear recording conditions are
met, the amplitude transmittance of the image of theith
substructure rerecorded is represented as

T O1+[2n(Kir +¢;)]. (4)

A comparison of (4) and (3) showsthat the period of
the fringesin the pattern rerecorded is 2n times smaller
than the period of the structure under study.

1063-7842/01/4605-0587$21.00 © 2001 MAIK “Nauka/Interperiodica’
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Moire patterns visualizing macroscopic defectsin the grat-
ings with (a) vertical and (b) horizontal grooves.

The moire visualization of macroscopic defects in
an elementary structure implies the precise superposi-
tion of its rerecorded pattern on the composite struc-
ture. The resulting amplitude transmittance of the com-

bined structure is given by the product T;'T. Assume
that the fringes of any of the elementary structures
besides the ith one have an orientation differing from
that of the fringes of the pattern superimposed. In this
case, the product T;'t, would suffice to analyze the

moire fringes. Going to the cosine of half-angle in (4)
yields

't Ocos’[n(K,r + ¢))]

X[Qo+ z ameos[m(Kir + ¢; +€)] O
O o 0

The moire fringes characterizing the low-frequency
modulation of the elementary structure are described
by the product of the first cosine by the mth term of the
series, which meets the condition m = 2n. All other
termsin (5) do not affect the moire fringes. Represent-
ing the mth term of the Fourier seriesthrough the cosine
of half-angle and retaining the necessary terms, we
arrive at

28,n008 (K1 + )] cos’| Z(Kir +;+ )

LYALIKOV

_%E [2ng<r+<|>I }+cos(ns) (6)

[l
+ 2cos[2na< r+o,+ —'D} cos(ng;) O
O

The moire fringes corresponding to the low-fre-
guency modulation of a high-frequency elementary
structure are described by the east term in (6):

aimcos[ZnE(ir +d, + %E} cos(ng,). @

If pattern (4) isrecorded under nonlinear conditions,
its amplitude transmittance will be other than the
cosine function and contain higher harmonics. Eventu-
ally, the superposition of such a pattern on the structure
under study would complicate the moire pattern.

Setting the last cosine in (7) egua to zero, we find
the centers of the moire fringes:

- L -

g = (2I+1)2n, =012, ... (8)

The moire fringes are observed in both reflected and
transmitted light.

If the pattern rerecorded is precisely aligned with
the composite structure under study, moire pattern (7)
istuned to an infinitely wide fringe. The in-plane rota-
tion of the image rerecorded by a small angle a pro-
videstuning to fringes of afinite width. In this case, the
moire pattern is described by the product

aimcos[ZnBQr +¢;+ %E}cos[Kor +ng], (9

where Ko = n(K; — K;}) and K is the structure vector
of the rotated rerecorded pattern.

The vector K, is orthogonal to the moire fringes,
and its absolute value determines their width: T, =
217|K|. It isevident that T, = T/(2na) at small a.

The fact that the function €;/2, describing a macro-
scopic defect of the elementary structure, is multiplied
by the factor 2n means a 2n-fold increase in the sensi-
tivity of the flaw detection method. Tuning of the moire
pattern to finite-width fringes makes it possible to
determine the sign in the visualized distribution of the
function g; [12].

EXPERIMENTAL TEST

The method proposed was applied to visualize mac-
roscopic defects in a composite structure that repre-
sents two mutually orthogonal amplitude gratings with
equal periods: T; = T, = 0.2 mm. The substructure pat-
terns of the reference composite structure were
recorded with the separation of the first diffraction
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orders. An FG-690 holographic film was used as a
record medium. The figure shows reflection moire pat-
terns observed on the diffusing screen upon superim-
posing the patterns rerecorded on the composite struc-
ture under study. The moire patterns visualize the func-
tions g, and ¢, for the gratings with (a) vertical and (b)
horizontal grooves with atwofold sensitivity. The rota-
tion of the gratings rerecorded to tune to the finite-
width moire fringes was the same.

1

2.
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Abstract—An experimental investigation into emission by plasmas from Cd and crystalline CdAl,Se, targets
irradiated with a pulse-periodic YAG : Nd®* laser is presented. The laser operates at a pulse width of 20 nsand
provides 1-2 x 10° W/cm? at the focus. The spectral and time characteristics of the emission are examined. The
main findings are as follows: (1) The strongest lines correspond to the transitions from the 63S; and 5°D,, levels
of Cd I. (2) With the Cd target, the recombination bottlenecks are 5°Dg, of Cd Il (E,, = 20.11 V) and 8°D; 4
of Cd I (E,, = 8.60-8.65 €V). (3) The average electron temperature outside the core of the plume is 0.64 eV.
(4) For the 508.6-nm line of Cd I, the high filling rate of the 63S; upper energy level may be related to the rapid
recombination of cadmium ions with electrons via the intermediate levels of Cd™ at 6.82 and 7.24 eV. © 2001

MAIK “ Nauka/Interperiodica” .

INTRODUCTION

Cadmium-containing crystals are widely used as
targets for the laser deposition of thin compound films
in microelectronics[1]. A mass-spectrometric diagnos-
tics of the plasmas from CdGa,S, and CdGa,Se, single
crystalsirradiated with an YAG : Nd®* laser (delivering
over 10° W/cm?) was reported in [2]. Optical diagnos-
tics [3, 4] can also provide information necessary for
the optimal fabrication of high-quality films. Such
experiments allow one to determine n,, T, and the con-
centrations of excited (metastable) atoms and ions in
multispecies laser-produced plasmas. Since the plas-
mas from the crystals are characterized by very com-
plex emission spectra[5], it may be wise to take targets
made of individual elements of the crystal under study
(a metal or a semiconductor). This approach may
enable one to precisely interpret the emission spectra
and may deepen the understanding of the laser—crystal
interaction.

To the best of our knowledge, no data have been
reported on the optical properties of plasmas from
Cd-Al-S(Se) crystals under the action of aneodymium
laser generating a relatively low radiant-flux density
(£10° W/cm?) at the focus. Nor have we found any
quantitative data on the emission intensity distribution
and other properties of plasmas from Cd targets (in the
case of a10° W/cm? YAG : Nd** laser).

This paper presents an experimental investigation
into the optical properties of plasmas from Cd and lay-
ered crystalline CdAl,Se, targetsirradiated with amod-

erate-power YAG : Nd** laser.

EXPERIMENTAL SETUP

The plasmas were produced in a vacuum by means
of a pulse-periodic YAG : Nd®** laser (A = 1.06 um and
T =20 ns) providing 1-2 x 10° W/cm? at the focus. The
vacuum chamber with the targets was pumped down to
3-12 Pa. We used highly pure cadmium, whose metal-
impurity percentage was 10%-102% at most. The
CdAl,Se, target was a layered crystal grown and puri-
fied by a technique similar to that reported in [2]. Its
impurity percentage was below 105-10%. The emis-
sion by the plasmas was examined with an MDR-2
monochromator, an FEU-106 photomultiplier (PMT),
and a KSP-4 recorder. The monochromator—-PMT sys-
tem was calibrated in a range of 200600 nm with an
SI8-200 band lamp and a DVS-25 hydrogen lamp.
Emission intensity was measured to an accuracy of
3-5%. For the core of the plume, time characteristics
were obtained with an ELU 14-FS linear electron mul-
tiplier and a 6 LOR-04 fast oscilloscope. (In this case,
the distance r from the surface to the point of interest is
within 1 mm.) For wider pulses (1 = 1 ys) and theregion
outside the core (r = 3-5 mm), we used a Foton pulsed
PMT and a CI-99 oscilloscope, which insured a time
resolution of 20-30 ns. Emission spectra were inter-
preted on the basis of data borrowed from [6-8].

SPECTRAL AND TIME CHARACTERISTICS
OF THE EMISSION

Figure 1 and Table 1 refer to the Cd target. Figure 1
shows a survey emission spectrum. Table 1 presents
interpreted spectral data, the fractiona intensities of
Cd | and Cd 1 lines, and respective upper energy levels.
The rightmost column lists the values of AJ/k,, i.e., the
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Table 1. Emission spectrum of the laser-produced plasma from the Cd target
Degree of - :

No. A, nm ionization Eypr €V Transition J/k,, arb. units AJ/Kky, %
1 508.6 cdl 6.39 53P,—63S, 1.00 21
2 480.0 Cdl 6.39 5%P,—6°S; 0.60 13
3 467.8 Cdl 6.39 53P—6°S; 0.20 5
4 441.3 Cdl 6.61 5%P,—6%%, - -
5 361.1 cdl 7.37 5%P,5°D, 0.70 15
6 346.7 Cdl 7.37 5%P—5°Dy 4 0.25 5
7 340.4 cdl 7.37 53P—5°D; - -

26.1 I . 1S-5°P
8 . 326 Cd 3.80 53% 53 1 0.20 5
325.3 Cdl 7.76 53,785,

9 3133 cdl 7.76 53P,—73S, 0.03 <2
10 308.1 Cdl 7.76 53P,-7°S, 0.02 5
11 298.1 Cdl 8.10 5%P,6°D3, 0.25 5
12 288.1 Cd | 8.10 5°%Py—6°D; 1 0.15 <5
13 283.7 Cdl 8.10 5%P—6°D, 0.05 <2

3p 73

1 , 2767 cdl 8.44 52P2 7 Lz)gyz 0.20 .
274.9 Cdll 10.28 5°P3,—6°S)),

15 266.8 Cdl 8.44 5%P,-7°D, 0.05 <2

16 266.0 Cdl 8.60 5°P,—8°D, 0.05 <2
255.3 Cdl 8.65

17 + 0.10 2
254.5 Cdl 8.60 5°P—8°D,

18 231.3 cdll 11.12 52P3,~52Ds/y 0.10 <5

19 228.8 Cdl 541 519-5'P, 0.30 7
226.5 Cdll 9.26 52S,-5°Py/,

2 .2
0 226.7 Cdl 5.47 025 >

ratio of the intensity of an individual spectral lineto the
total intensity of the line emission in the region 200—
600 nm.

The emission lines of Cd | and Cd |1 were observed
againgt a faint continuous background. The spectra
indicated no presence of cadmium ions with higher
degrees of ionization. The highest intensitieswere mea-
sured for the Cd | lines located at 508.6, 479.9, and
361.1 nm. The upper level of thefirst and second lineis
6°S, (E,p = 6.39 eV), and that of thethird is5°D; (E,, =
7.37 eV). Theintensity of aCd | resonanceline (at A =
326.1 nm) wasfairly low, which may stem from consid-
erable self-absorption in the plasma. For erosion laser-
produced plasmas expanding into a vacuum, it is com-
monly held that excited levels of metal ions and atoms
are filled mainly due to electron-ion recombination,
eg., Cd*+e+e—-Cd* +e[4, 9]. Accordingly, Table 1
enables us to reveal the bottlenecks of the recombina-
tion stream flowing downwards through the energy lev-
elsof Cd Il and Cd I. (From here on, recombination
bottleneck means the highest ionic or atomic energy

TECHNICAL PHYSICS  Vol. 46
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level from which radiative transitions are detected [4].)
The recombination bottlenecks were found to be 5°Dg,
of Cd Il (E, = 20.11 eV) and 8°D; 3 (E,, = 8.60-
8.65¢eV).

(346.6 + 346.8) nm Cd I 361.1nm Cd I 508.5nm Cd I

228.8nm Cd 1

J X

400 500 A, nm

200 300

Fig. 1. Plasma from the Cd target: a survey emission spec-
trum (r = 7 mm). The plume originates from the surface of
the target.
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Table 2. Emission spectrum of the laser-produced plasma from the CdAl,Se, target

No. A, nm Element Eps €V Transition J/ky, arb. units AJ/ky, %
4320 Sell 16.88
1 4329 Sel 0.18 015 <2
2 426.5 — — — 0.15 <2
3 4213 Sell 14.92 0.85 8
4 404.7 Selll 19.38 0.65 6
5 396.2 Al'l 3.14 32P4,—4°S)), 0.70 6
6 394.4 All 3.14 3P 4°S), 0.55 5
7 365.5 Alll 0.40 <5
8 361.1 Cdl 7.37 52P,—5°D, 0.15 <2
337.9
9 * 3387 Selll 1.00 10
325.2 7.76 53P,—7%S,
10 * 361 Cdl 28 51, 5%, 1.00 10
11 309.3 All 4,02 32P5,-3°Ds), 0.70 7
12 308.2 Al l 4.02 32P,,,—3%Dgy)y 0.45 <5
13 288.1 Cdl 8.1 3PP,-6°D,, 0.25 2
275.7 Cdl 0.20 2
14 +
274.9 cdll 10.28 52P3,—6°S)
15 266 Cdl 8.6 5%P,—8°D,4 0.10 <2
16 258.1 cdl 8.6 5%P,—8°D, 0.25 2
17 243.4 cdll 0.15 <2
18 232.1 Cdl - - 1.00 10
19 228.8 Cdl 5.41 515-5'P; 0.55 5
20 +226.5 cdll 0.50 5
226.8 Cdl 5.47 52S)~5°Py),
21 381.2 Selll 0.55 5

The average electron temperature was determined
from the distribution of J/k, for Cd I. The values of T,
were found from the intensity ratios of the lines [10].
The transition probabilities of the Cd | lines were bor-
rowed from [11, 12]. Since the spread in E,, for the
Cd|1 lines was modest (AE < 2 eV), we evaluated T,
from the dope of In(l,/1,) plotted against E; — E,,
wherel, and |, arelineintensitiesand E; and E, are the

In(,/1,), arb. units

El —Ez, eV

Fig. 2. Plasma from the Cd target: emission-intensity ratio
vs. the difference between the corresponding upper energy
levelsfor Cd | spectral lines.

respective upper energy levels (Fig. 2). Due to self-
absorption in the plasma, the resonance Cd | line was
not covered by the procedure, which alowed us to
obtain an acceptable scatter of pointsin Fig. 2.

Figure 3 shows emission-intensity oscillograms of
the strongest Cd | lines for the core of the plume from
the Cd target (r = 1 mm). It is seen that the leading
edges are 5-15 ns long and the trailing edges decay
amost linearly by 5-15% of J,. per 100 ns. The
508.6-nm line is the exception: its intensity falls at a
rate as high as 3% of J,,.., per 1 nsinthelinear ssgment.
Asis known, the transition probabilities for the 508.6-
and the 479.9-nm lines are close to each other: they are
1.56 x 108 and 1.41 x 102 s, respectively [11]. Also,
thelower level for the 508.6-nm Cd | lineis metastable,
with alifetime of 130 s, and that for the 479.9-nm line
hast;, = 2.4 x 107°s[12]. Consequently, the short dura-
tion of the pulsed emission and the high decay rate
(and, hence, the short recombination-filling timefor the
508.6-nm Cd | line [4]) may be due to the fact that the
width of the emission pulse is self-limited owing to the
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1, arb. units
1.0
0.5 1
O 1 1

1 1
100 200
Fig. 3. Plasmafrom the Cd target: emission-intensity oscil-
lograms for Cd | spectral lines observed in the core of the
plume (r =1 mm): (1) 508.6, (2) 479.9, (3) 467.8, (4) 361.1,
and (5) 346.7 nm.

metastability of the lower level. Furthermore, 5°P, is
the lower level for the 361.1-nm Cd | line aswell. This
line gives a slowly decaying pulse, and its T;, approxi-
mates to those of the lines at 508.6 and 479.9 nm.
Therefore, the difference in duration between the
508.6-nm line and the other strong lines of Cd | mainly
stems from the ways in which the corresponding upper
levels are filled. The distinctive manner in which Cd |
(6°S)) is excited by slow electrons was first noted in
[13]. It has been demonstrated that the excitation at
near-threshold electron energies (<8.00 eV) goes only
via an intermediate Cd- level (E,, = 6.82 V) of half-
width 0.68 eV and that a higher intermediate level
(7.24 eV) dso exists[13]. Thus, the most probable rea-
son for the high intensity and upper-level filling rate of
the 508.6-nm Cd | line is the rapid recombination of
Cd* ions with electrons via the intermediate levels
of Cd-.

Figure 4 and Table 2 refer to the CdAl,Se, target.
Figure 4 shows an emission spectrum over the range
220-435 nm, with the plume originating from the sur-
face of the target. Table 2 presents interpreted spectral
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Fig. 4. Plasmafrom the CdAl,Se, target: an emission spec-
trum (r = 7 mm). The plume originates from the surface of
the target.

data and the values of J/k, and AJ/k,. The salient fea-
tures of the spectrum are Cd | and Al | lines, which are
typical of this wavelength region. For comparison, we
performed an experiment with Al targets (under similar
irradiation and detection conditions). It was found that
the plume spectrum comprises only four strong Al |
lines located at 396.2, 394.4, 309.3, and 308.2 nm.
They account for 12, 14, 37, and 37% of the total inten-
sity, respectively. With the CdAl,Se, target, selenium
showed up as strong lines of Sell and Selll ions. The
surface irradiation of a slab made of highly pure sele-
nium caused no plume. Instead, afaintly glowing core
was observed on the surface; its emission spectrum was
continuous under the specified irradiation conditions.
This implies that the formation of excited Se ions is
related to the features of crystal destruction in the laser
plasma. A mass-spectrometric analysis of CdGa,Se,, a
compound of similar properties, has revealed that the
majority of charged particles in the laser-produced
plasma are Se*, Ga*, and Cd* ions with corresponding
percentages of 46, 28, and 14% [2]. We believe that the
plasma from a CdAl,Se, target must have basically the
same ionic composition, although we detected a large
number of excited Se Il ions. With respect to the laser
deposition of thin compound films, the most intense
lines of Cd I, Al |, and selenium ions can be used to
evaluate the plasma properties (n,, T, the concentra-
tions of atoms and ions in metastable states, etc.) that
determine the film quality [14, 15].

CONCLUSIONS

We have conducted an experimental investigation
into emission by laser-produced plasmas from Cd and
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layered crystalline CdAl,Se, targets irradiated with a
pulse-periodic YAG : Nd®* laser of moderate output
pulse power. The findings are as follows:

(1) The strongest lines correspond to the transitions
from the 6S; and 5°D; levels of Cd I.

(2) With the Cd target, the recombination bottle-
necks are 5?Ds, of Cd 11 (E,, = 20.11 €V) and 8D, 5 of
Cdl (E,, = 8.60-8.65¢€V).

(3) The average electron temperature outside the
core of the laser plume (at r =7 mm) is0.64 eV.

(4) For the 508.6-nm line of Cd atoms, thefilling of
the upper energy level may be related to the rapid
recombination of Cd* with electrons via intermediate
levels of Cd- (E,, = 6.82 and 7.24 eV), as suggested by
the emission dynamics of the core plasma of the laser
plume.

(5) For the CdAl,Se, target, the strongest lines cor-
respondto Cd 1, Al I, Sell, and Selll.

The results of this study may be useful for the diag-
nostics of plasmas from cadmium- and aluminum-con-
taining crystals by the transient emission or absorption
Spectroscopy.
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Abstract—Experiments in the L-2M stellarator revealed the intense noise modulation of the gyrotron power
and the change in its mean val ue under the action of the noise modulation of radiation reflected from the plasma
column. The effect observed is explained in terms of the resonant locking of the gyrotron self-oscillations due
to wave reflection from the fluctuating plasmaload. © 2001 MAIK “ Nauka/Interperiodica” .

1. It is commonly accepted that the use of quasi-
optical systems for transmitting and focusing gyrotron
radiation in plasma magnetic confinement systems
makes it unnecessary to specially protect the gyrotron
from the action of the reflected wave. Indeed, even at a
relatively high reflection coefficient (~10%), itishardly
possible that the front of the reflected wave can be
matched to the front of the incident wave, which guar-
antees a significant weakening of the reflected waves
that propagate backward through the quasi-optical
transmission line and arrive at the gyrotron output win-
dow. Thus far, this approach has dominated in experi-
mental investigations and seemed to be quite reason-
able. However, in our experiments on plasma electron
cyclotron heating at the second harmonic of the elec-
tron gyrofrequency in the L-2M stellarator, we encoun-
tered an unexpected phenomenon—the response of a
gyrotron loaded with a strongly absorbing gyrotropic
plasmato reflected radiation. The aim of this paper isto
describe this effect.

2. A four-mirror quasi-optica line is used in the
L-2M stellarator to transport gyrotron radiation and
focus it onto the outer horizontal port. The distance
between the gyrotron and the input window is about 5 m.
A resonant quartz input window 85 mm in diameter is
positioned in the waist of the last focusing mirror. The
cylindrical surface of the rear wall of the stellarator
vacuum chamber, together with the flange of the port
situated on it, defocuses the beam; as aresult, theinten-
sity of the microwave beam reflected backward through
the input port is damped substantially (the reflection
coefficient is ~0.7%). At the beam axis, between the
last mirror and the quartz window, a bidirectional cou-
pler with two detectors for monitoring the envelop of
the gyrotron pulse and the reflected radiation is
installed. Such monitoring is very useful when adjust-
ing the gyrotron operating conditions because the
envelop of the gyrotron pulse is very sensitive to small

variations in the beam current and cathode voltage of
the gyrotron. In the L-2M stellarator, a GYKOM
gyrotron operating at a frequency of 75 GHz, with a
power of up to 400 kW is used. The standard operating
conditions are asfollows: the power is 150-250 kW, the
pulse duration is 10-12 ms, the voltage is 60-63 kV,
and the beam currentis 17-20A. In addition to theinci-
dent and reflected power signals measured with the
help of the bidirectional coupler, we also measured the
radiation transmitted through the plasma column. The
transmitted signal passed through the port situated at
the inner side of the stellarator chamber wall and was
recorded by detectors equipped with rectangular
waveguide sections, which made it possible to measure
radiation with the given orientation of the electric field.
The detectors were mounted in absorbent rubber cylin-
ders, which served to blind the detectors and narrow
their directional patterns.

In experiments, the electric field vector of alinearly
polarized wave was perpendicular to the stellarator
magnetic axis, lying in the equatorial plane of the tor-
oidal chamber. The polarization of the reflected wave
was usually the same asthat of theincident wave. Inthe
absence of aplasma, the passed wave a so had the same
polarization as the incident wave. In the presence of the
plasma column, the linearly polarized incident wave
splits into an extraordinary and ordinary wave with
eliptical polarization. In a hot plasma, the extraordi-
nary wave is absorbed almost completely in the
gyroresonance region during a single pass through the
plasma column (the absorption coefficient is not less
than 0.9), whereas the ordinary wave passes without
attenuation. The signal passed through the plasmaisthe
sum of the partialy absorbed extraordinary wave and
the unabsorbed ordinary wave. As the electron density
smoothly varies during the discharge, the passed wave
undergoes Faraday rotation, which manifests itself as
oscillations in the detector signal amplitude [1].

1063-7842/01/4605-0595%$21.00 © 2001 MAIK “Nauka/Interperiodica’
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Fig. 1. Signals of (&, b) the gyrotron power (direct signal) and (c, d) radiation passed through the plasma for two stellarator dis-

charges. The sampling time is 16 ps.

The detector signal swere processed with the help of
an analog-to-digital converter (ADC). The ADC sam-
pling frequency was 0.1-16 ps. Thetime constant of the
detectors was about 1 ps.

3. Inthe absence of aplasma, the gyrotron generates
a flat-top microwave pulse with a rise time of 0.5 ms
and afall time of 20-30 us. The gas breakdown and the
formation of the plasma column last for 1-1.5 ms. Dur-
ing this time, the gyrotron signal remains unchanged
(Fig. 1). After the plasma column is formed, noise
oscillations arise at the plateau of the incident-power
signal. Depending on the gyrotron operating condi-
tions, the averaged pul se power can decrease (Fig. 1),
remain constant, or increase (Fig. 1b).

Higher amplitude oscillations are seen in the signal
passed through the plasma (Figs. 1c, 1d). In this case,
the detector was oriented so as to measure the field
component parald to the stellarator magnetic axis. A
low-level flat-top burst in the signal arises because of
the insufficient adjustment of the detector. Broad peaks
are produced due to the Faraday effect.

The effect of the plasma on the gyrotron operation,
which manifests itself in the gyrotron power oscilla-
tions, may be attributed to the modulation of either the
reflection coefficient or the spectrum of the reflected
radiation. Indeed, intense noise fluctuations are seenin
the reflected signal measured with a bidirectional cou-
pler (Fig. 2). In this case, the modulation amplitude of
the reflected signal is substantially higher than that of

the gyrotron signal and is as high as the noise modula-
tion of the microwave radiation passed through the
plasma(Figs. 1c, 1d). That the modulation amplitude of
the radiation reflected from the plasma and passed
through the plasmais much higher than the modulation
amplitude of the gyrotron signal shows that the modu-
lation of the reflected and passed radiation is due to the
scattering by plasma fluctuations. The modulation of
the radiation passed through the plasmaisrelated to the
small-angle scattering by plasma fluctuations and the
interference of the scattered and passed waves (the
phase-contrast version of the small-angle scattering
technique [2]). The modulation of the reflected signal
can be attributed to either backward scattering of the
incident wave by plasma fluctuations or small-angle
scattering of the radiation reflected backward from the
rear wall of the stellarator chamber. We note that the
slow (on atime scaleof milliseconds) oscillations of the
reflected signal are similar to the oscillations of the
transmitted signal. The reason for these dow oscilla-
tionsis also similar to that for the slow oscillations of
the transmitted signal: we observe the interference
between the extraordinary and ordinary waves reflected
from the plasma and those reflected from the rear wall
of the chamber and passed through the gyrotropic
plasma column.

Note also that, after the plasmacolumn is produced,
the amplitude of the reflected signal drops by one order
TECHNICAL PHYSICS Vol. 46
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Fig. 2. Reflected signal and itsautocorrelation function. The
sampling time is 0.1 ps. The averaging is performed over
four timeintervals: 34, 4.5-5.5, 7.5-8.5, and 9.8-10.8 ms.

of magnitude (the reflection coefficient falls to 0.1%),
asseeninFig. 2.

4. To study theinfluence of the amplitude and phase
of the reflected microwave on the gyrotron power, we
carried out test measurements in the absence of a dis-
charge in the stellarator. For this purpose, a thin mica
film with athickness of 110 pm was placed in the waist
of the microwave beam in front of the stellarator win-
dow; the film plane was perpendicul ar to the beam axis.
From shot to shot, the film was gradually displaced
along the beam axis, which allowed us to vary the
amplitude and phase of the reflected wave produced as
aresult of the interference between two waves reflected
from the stellarator and the film. The phase variation
attained 0.688rt, and the reflection coefficient varied
from its minimum value of 0.014 up to 0.065. Within
this range of the amplitudes and phases of the reflected
wave, we did not observe any variationsin the gyrotron
power. These measurements permitted us to determine
the reflection coefficients from the stellarator chamber
and the micafilm: the former was 0.67%; the | atter, 4%.
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Consequently, neither variations in the time-indepen-
dent reflection coefficient from 0.014 to 0.065 nor vari-
ations in the time-independent phase of up to 0.6881t
influence the gyrotron power, whereas noise fluctua-
tions in the reflection coefficient, which is on the order
of 0.1%, produce the modulation of the gyrotron power
and change its mean value by 10% and higher.

The relation between the noise fluctuations of the
plasma column and the gyrotron power was studied
numerically by calculating the autocorrelation func-
tions of gyrotron radiation (the direct signa) and the
reflected and scattered radiation. The autocorrelation
functions were computed using the method devel oped
by van Milligen [3] (with alow-frequency digital filter
with a 1-kHz band and a 6-dB attenuation per octave).
This alowed us to cut the dc component of the signa
and its slow variations due to the interference of the
waves with different polarizations. Figures 3 and 4
show the gyrotron signals and their autocorrelation
functions calculated by averaging over 4 ms with a
sampling time of 2 ps. The delay in the appearance of
the noise fluctuationsin Fig. 4 isdueto the delay in the
gas breakdown and the formation of a plasma in the
stellarator under conditions when the resonance region
is displaced from the magnetic axis toward the outer
side of the stellarator chamber. In both cases, the corre-
lation time for three-fourths of the noise power is about
16 s, i.e., the noise frequencies lie above 30 kHz. For
the reflected signal, the situation is quite different. As
seen from Fig. 2, only one-third of the noise power has
acorrelation time of 16 ps and no less than one-half of
the noise power lies within the range of lower frequen-
cies. An even stronger difference is observed for the
scattered and gyrotron radiation spectra. Figure 5illus-
trates the scattered and gyrotron signals measured
simultaneoudly in a discharge, and Fig. 6 shows the
autocorrelation functions for these signals. It follows
from Fig. 6 that no more than one-fourth of the noise
power in the scattered signal lies in the range of short
correlation times (shorter than 16 ps), whereas three-
fourths of the gyrotron noise power is concentrated
here.

Hence, in addition to the fact that the noise modula-
tion amplitude of the scattered and reflected radiation
substantially exceeds the modulation amplitude of
gyrotron radiation, we also see the difference between
their spectra; namely, the low frequency modulation is
dominant in the scattered and reflected radiation spec-
tra.

5. The influence of microwave radiation reflected
from a plasma on the gyrotron spectrum is easily
described in terms of a self-oscillator that has under-
gone an external quasi-resonance signal.! Recall [4, 5]
that the self-oscillator phase can be captured by an arbi-
trarily small signal if itsfrequency fallswithin anarrow

1 The equivalent approach is based on a model in which the effect
of reflection from a fluctuating plasma is treated as the modula-
tion of the eigenfrequency and quality factor of the resonator [1].
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band proportional to the amplitude of this signal. Oth-
erwise, if the controlling-signal frequency falls outside
the locking band (Af = Rw/Q, where R is the amplitude

reflection coefficient from the load and Q is the quality
factor of the resonator), then the additional oscillations
provoked by this signal are merely imposed on the free
2001
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(not synchronized) self-oscillations. A relatively weak
response of the self-oscillator to the signal outside the
locking band is resonant within the frequency band on
the order of p ~ wW/Q.

The role of the quasi-resonant controlling signal
may be played by secondary fields that arise due to
scattering of the primary self-oscillator field by the
fluctuations of self-oscillator parameters, including its
load. Being scattered by broadband fluctuations, each
spectral component of the primary self-oscillator field
gives rise to a secondary broadband controlling signal.
It follows from above that only the low-frequency com-
ponent of the controlling signal spectrum (within the
band on the order of p) affects the self-oscillator.

Therefore, the spectrum of a self-oscillator with
weakly fluctuating parameters consists of a relatively
narrow primary peak standing on arelatively broad sec-
ondary pedestal (Fig. 7). The primary-peak width is
determined by the resonant locking of the self-oscilla-
tor phase by the lowest frequency fluctuations of the
self-oscillator parameters and is proportional to their
amplitude, whereas the width of the pedestal that arises
due to broadband low-frequency fluctuations is on the
order of p.

In our experiments, the pedestal was very low and
the primary self-oscillation peak was only detected.
The broadening of this peak due to the locking effect
apparently takes place even when the gyrotron is per-
fectly matched to the output transmission line (Fig. 7);
in this case, the role of the controlling signal is played

TECHNICAL PHYSICS  Vol. 46
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by perturbations caused by the scattering of the self-
oscillator field by low-frequency fluctuations of the
parameters of the self-oscillator itself. Under our exper-
imental conditions, the reflection from the mica film
with constant parameters cannot produce the additional
componentsin the controlling fluctuation spectrum and
only results in a dlight displacement of the central fre-
guency of the gyrotron self-oscillations. However, the
equally small reflection from the plasma gives rise to
controlling fluctuations with a much higher amplitude

Auto correlation

1.0+
48000 Scattering
signal 53-57 ms
—— 48000 Direct
0.5

1
0.3
Time, ms

1 1
-0.1 0 0.1

Fig. 6. Autocorrelation functions for the signals shown in
Fig. 5.
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Fig. 7. Spectra of aself-oscillator with (&) the matched out-
put and (b) the partially reflecting fluctuating load; wq isthe
frequency of an oscillator with perfectly stable parameters.

in comparison with the fluctuations arising immedi-
ately in the gyrotron working volume, thus resulting in
a significantly broader self-oscillation peak in the out-
put radiation spectrum (Fig. 7).

6. The results obtained can be summarized as fol-
lows:

The modulation of the gyrotron power and the
change in its mean value under the action of plasma
fluctuations has been found experimentally at low val-
ues of the reflection coefficient (~0.001) of the gyrotron
radiation from the plasma column. The observed effect
can be attributed to the resonant frequency locking of
gyrotron oscillations by the waves that arise from the
scattering of gyrotron radiation by turbulent plasma
fluctuations, propagate backward through the transmis-
sion line, and arrive at the gyrotron output window.

BATANOV et al.

Itisshown that both variationsin the reflection coef-
ficient from the steady-state load in the range 0.014—
0.065 and the variations in the reflected-wave phase by
0.6811 have no effect on the gyrotron power.

It is demonstrated that the noise modulation ampli-
tude of the nearly forward scattered radiation or the
backward reflected radiation is several timeslarger than
the amplitude of the gyrotron power modulation and
that the low frequency modulation is dominant in the
spectra of the scattered and reflected radiation, in con-
trast to the gyrotron noise spectrum.
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Abstract—Charged particle beam trajectories in a smple electromagnetic quadrupole—octupole lens are
numerically calculated based on analytical expressionsfor the +potential distribution. Locations of thelensfoci
in the image space are determined over a wide range of initial conditions. Relationships between the electro-
static and magnetic lens components that provide correction for chromatic aberrations of off-axis beams, which
are different from classical beams, are obtained. Phase contours at the lens exit are calculated for beams occu-
pying the major part of the aperture, and conditionsfor transforming the phase contour with minimal distortions

are found. © 2001 MAIK “ Nauka/lInterperiodica” .

In our earlier paper [1], a modified combined qua-
drupole lens capable of simultaneously correcting for
chromatic and geometric aberrations was proposed.
This lens has the form of a cylinder split along its gen-
eratrices into eight equal parts. Electrostatic potentials
applied to the lens sections form the quadrupole and
octupole components of the lens. The four electrodes
located between the quadrupol e el ectrodes are simulta:
neously the pole pieces of the magnetic lens. Thistype
of lens system can be used in charged particle transport
channels, microanalyzers, electron microscopes, and
other devices. In this paper, we obtain an analytical
expression for the scalar potential of the combined lens
with infinitesimally narrow gaps between electrodes
and poles.

The purpose of thiswork isto theoretically study the
electromagnetic quadrupole—octupole lens described
above in order to provide a distortion-free transmission
of wide charged-particle beams and of narrow beams
passing far from the axis. Numerous previous works
use the aberration theory, which is valid at best for
beams that occupy half of the aperture at most. In our
approach, the beam can occupy almost the entire aper-
ture, because we cal culate the traj ectories based on ana-
lytical formulas that we obtained for the electrostatic
and magnetic fields.

In Cartesian coordinates, the potentia of the above
finite-length lens can be written as

Oeu(x Y, 2) = 1UTk(2)
x { (W=V)arctan[/20¢ —y* + 2xy)/[1 - (¢ +y?)]]
—(W+ V) arctan[/20¢ —y* - 2xy)/[1 - (¢ + ¥*)]]

+2Uarctan[2(x* + y* =63y /[ 1= (5 + v 1} .

Here and below, the coordinates are normalized by the
radius R of the lens aperture; £V and U are the poten-
tials of the electrostatic quadrupole and octupole,

respectively; and W isthe scalar potential of the mag-
netic quadrupole. The function k(z) describes the field
distribution along the optical axis, whichisthe samefor
the electric and magnetic components. This circum-
stance is hot significant, because it does not restrict the
generality of further conclusions, although it simplifies
the calculations. The function k(2) is specified numeri-
caly or is approximated by an appropriate analytical
function. In particular, the field in short lenses is most
frequently represented by a Gaussian approximation; in
sufficiently long lenses, by arectangular function.

Parameters of the charged particle beam trajectories
are calculated from second-order differential equations
of motion. To solve these equations, we developed a
computer code EMKOL using MathCAD. This code
reduces each second-order differential equation to a
system of two first-order differentia equations and
solves them with an error below 1078, The codeis capa-
ble of predicting trajectories in a single lens and in a
system of lenses aswell.

As an example, we studied an electromagnetic qua-
drupole—octupole lens with a rectangular field distribu-
tion with an effective length of L = 4R. Focusing modes
for the parallel beam were calculated, which are neces-
sary for using the lensin imaging systems. Phase con-
tours of wide beams at the exit of thelenswere also cal-
culated, which is of interest for concentrating systems.

For electrostatic quadrupole lenses of different
strengthswith parallel entrance beams, Fig. 1 showsthe
distances from the field edge to the points of intersec-
tion between thelens axis and trgjectories aswell asthe
angles with which the trajectories leave the lens. For
small entrance point offsetsfrom the axis X, < 0.1R, this
distance determines the focal length of alens of a par-
ticular strength, and it coincides with the distance cal-
culated from the formula given in [2]. Figure 1 shows
that, as the entrance point offset increases, the traec-
tory—axisintersection point approaches the lens and the
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-0.1

-0.2 RN <

Fig. 1. Coordinate of the trgjectory—axis intersection point
for the quadrupole lens (solid lines) and the angle with
which the trajectories leave the lens (dashed lines) vs. the
entrance point coordinate of the parallel beam at V/®g =
(1) 0.15, (2) 0.10, (3) 0.05, and (4) 0.03. Dash-and-dot lines
refer to the quadrupole-octupole lens with U = 0.1V.
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Fig. 2. (1) Transverse and (2) longitudina spot expansion
and (3) strength of the correcting octupole vs. the entrance
point coordinate of the central beam trajectory.

trajectory inclination angle grows. The lower the lens
strength, the greater the longitudinal spot extent. The
transverse focus blur is aimost independent of the lens
strength and remains below 0.1R.

A narrow parallée entrant beam is generally focused
along a curvilinear trajectory. Figure 2 illustrates the
transverse and longitudinal beam extension at the point
the most remote trajectory intersectsthe axis versusthe
initial coordinate of the central beam trgectory. The
entrance beam width is Ax, = 0.2R. It is seen that the
transverse focus blur is an order of magnitude smaller
than the longitudinal blur. It should be noted that, for
annular entrance beams, the longitudinal spot extension
remains the same, while the transverse one increases
twofold.

To improve the beam transmission conditions, we
used the octupole. We studied wide beams that occupy
up to 0.8 of the lens aperture and narrow beamsthat are
far offset from the axis. In the first example, the octu-
pole potential isU = 0.1V. In this case, the changein the
position of the beam—axis intersection point with the
entrance coordinate is less rapid (dash-and-dot line in
Fig. 1) and the longitudinal displacement is more than
two times smaller than that for the quadrupolelens. The
transverse dimension of the spot in the focal plane is
two times smaller. In the second example, the spot blur
is corrected by the octupole component so as to make
the focal distance independent of the beam entrance
point coordinate. Curve 3in Fig. 2 isaplot of the octu-
pole strength U/®, at the quadrupole strength of
U/®, = 0.1, where @, isthe accelerating potential. The
transverse beam dimension is two orders of magnitude
smaller than that for the quadrupole lens.

It is known that the chromatic aberration in the
paraxial region of the combined quadrupole electro-
magnetic lens can be corrected. If the electric and mag-

DfIR
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0.02F 77\'/\
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Fig. 3. Longitudinal chromatic aberration in the electro-
static (solid lines) and combined lenses (dashed lines) vs.
the coordinate of the beam entrance point with the lens
strength as a parameter: (1-3) same asin Fig. 1.
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netic fields are colocated, their strengths are interre-
lated as Gg = —0.5G,, [2], where G¢ = VI®, and Gy, =

Wic,/—2e/m®,. Then, the strength of the achromatic
combined quadrupole lens is Gy = Gy + Gg = —G¢.
However, as the beam moves away from the axis, a
noticeable chromatic aberration reveasitself. Figure 3
illustrates the longitudinal chromatic aberration in the
electrostatic lens and in the combined lens meeting the
paraxial beam correction condition; the initial beam
energy varies within 1%. The chromatic aberration in
the electrostatic lens is seen to vary dlightly with the
entrance point position. In the achromatic lens, the
region of correction depends on the lens strength. Out-
side thisregion, the chromatic aberration rapidly grows
and, when X, > 0.6R, reaches values typical of the elec-
trostatic lens.

We determined the electrostatic-to-magnetic field
strength ratios at which the region of chromatic aberra-
tion correction becomes wider. Figure 4 shows this
ratio for the parallel beam and the residual chromatic
aberration for theinitial beam energy spread within 1%
as afunction of the beam entrance point position. These
guantities were found to be aimost independent of the
lens strength over a sufficiently wide range. The com-
parison of Figs. 3 and 4 shows that the residual chro-
matic aberration in lenseswith arefined Go/G,e ratiois
below 103 when the distance from the axisis less than
0.7 of thelensradius, whilefor the classical achromatic
lens, it is one to two orders of magnitude higher within
0.6-0.7 of the aperture radius, depending on the lens
strength.

We calculated the coordinate of the trgjectory—axis
intersection point for the achromatic lens, aswell asthe
angle with which the beam leaves the lens (Fig. 5). It
should be noted that, in lenses with a refined electro-
static-to-magnetic component ratio, this coordinate is
amost the same as in the electrostatic lens (compare
Figs. 1, 5). For alenswhich is achromatic in the parax-
ial approximation, it rapidly grows as the trgjectory
moves away from the axis, while the behavior of the
tragjectory inclination angle versus the entrance coordi-
nate is significantly different from a linear function.
These results reveal that geometrical aberrationsin the
classical achromatic lens are much greater than thosein
the improved lens.

The quadrupole-octupole electromagnetic lens is
capable of concentrating wide beams with large angles
of inclination. To study these modes, one should inves-
tigate how the lens transforms different phase contours
of the entrance beams. As an example, consider an
elliptic entrance phase contour with semiaxes x, = 0.7R

and x, = 0.35. Figure 6 shows halves of the phase con-

tours at the exit of the following lenses. On the left are
the electrostatic and magnetic quadrupoles of equal
strengths (G = G, = 0.1). On theright arethe classical
achromatic lens (Gg = 0.1, G¢/Gye = —1), the improved
achromatic quadrupole (Gg = 0.1, G/Gye = —0.42),
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Fig. 4. Ratio of the electrostatic component to the total
strength of the electromagnetic lensthat provides the condi-
tion for thelensto be achromatic over awide range of initial
conditions (solid line); the dashed line shows the residual
chromatic aberration of the electromagnetic lens.
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Fig. 5. Coordinate of the trajectory—axis intersection point
for achromatic lenses and the angle with which the tragjecto-
riesleave the lens: solid lines represent the electromagnetic
lenswith the strength shown in Fig. 4 and dashed lines rep-
resent the classical achromatic lens; (1-3) sameasinFig. 1.
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Fig. 6. Phase contours at the exit of different quadrupole
lenses: (1) electrostatic lens; (2) magnetic lens; (3) classical
achromatic lens; and (4, 5) improved achromatic electro-
magnetic quadrupole and quadrupole-octupole lenses,
respectively.

and the quadrupole-octupole (Gg = 0.1, G/Gye =
—-0.55, U/®, = —0.046) lenses. This figure shows that
the classical achromatic lens introduces the greatest
distortionsinto the phase ellipse. Asfor the intensity of

the exit beam, it peaksin theimproved achromatic qua-
drupole and quadrupol e-octupole lenses. The compar-
ison of theimproved achromatic |enses have shown that
the octupole is free from the phase €ellipse distortions
typical of the quadrupole lens. However, the octupole
features somewhat higher chromatic aberrations,
though they remain two times lower than those in the
electrostatic lens.

We have thus shown that the above approach
improves the performance of the quadrupole lens for
charged particle beams occupying the major part of the
aperture. The lens has a simple design and its parame-
ters are the same as or better than those of quadrupole
lenses combined with paraxial beams.
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Abstract—Using Landau’s phenomenological theory of phase transitions, the shear-induced melting of athin
layer of substance confined between two crystalline surfacesis considered. The kinetics of melting and solidi-
fication is considered for static and alternating loads. The possibility of two consecutive “melting” (solid-to-
liquid) transitionsisdiscussed. Asaresult of thefirst transition, modul ation of the microscopic density becomes
zero only inthe direction of shear (partial melting) and as aresult of the second, it also disappearsin the normal
direction (complete melting). © 2001 MAIK “ Nauka/Interperiodica” .

INTRODUCTION

The development of experimental tools for studies
of frictional processes at the atomic level (atomic force
microscope [1], quartz microbalance [2], surface force
apparatus [3]), as well as the development of computer
techniques, led to a sharp increase in the last decade in
the number of studiesinthefield of thefriction between
solids either in direct contact or separated by a thin
lubricating layer (see, for example, [4—6]). Experimen-
tal physicists can now investigate well-defined systems
under closely controlled conditions (for instance, the
possibility of measuring the thickness of the lubricant
layer and the rel ative displacement of the solid surfaces
to within fractions of the interatomic distances). As a
result, frictional process, formerly a purely technical
problem, for the first time became an object of exten-
sive basic research.

One of the findings of these studiesisthat alayer of
lubricant several atomic layers thick can behave like a
solid [4]. Such thin layers are by no means exotic but
exist practically in any friction unit operating in the so-
called boundary lubrication regime. When two solids
are pressed against each other (or two microirregulari-
ties are brought into close contact), the thickness of the
lubricant layer steadily decreases until about 10 molec-
ular layers are left. This layer demonstrates consider-
able elasticity and remains trapped between the two
surfacesif the pressureis not too high [4]. At this point,
it tends to form either a layered structure in the direc-
tion perpendicular to the bounding surfaces, or along-
range crystalline or quasi-crystalline order in the plane
of the layer (experimental investigations of these
aspects can befoundin[7, 8] and a study by the molec-
ular dynamics method in [6, 9]).

1 This study was performed during the author's stay at the Fors-
chungszentrum Jilich (Germany).

Computer simulation of the slip under shear stress
of solids separated by athin layer of the solidified “lig-
uid” [6, 9] has shown that the slip occurs often because
of the melting of the intervening layer. For instance, in
thin crystallized layers confined between atomically
flat surfaces of micaand loaded mechanically, the shear
modulus steadily decreases as the shear deformation is
increased and ultimately becomes zero; when the load
is removed, it increases continuously from zero up [7].
Obviously, in this case, melting occurs by the second
order phase transition. It should be emphasized that this
isthe case of local melting of alayer confined between
two crystalline solids retaining their crystalline struc-
ture. It is evident that in this case, the energy of the
crystalline state of the lubricating layer will be different
for different orientations of the crystal lattice. It can be
shown that the standard L andau argument that the melt-
ing at asecond order phasetransitionisimpossiblefails
in this case (this problem is discussed in more detail in
the last section of this paper).?

It is essential that both the process of shear-induced
melting and the process of crystal structure recovery
are not instantaneous but have acharacter of slow relax-
ation. High-molecular compounds studied in[7], dueto
confinement of the system by solids and steric limita-
tions, displayed shear modulus relaxation times
between 1 and 10 s. At times much less than the above
characteristic time, the medium behaves as an abso-

2 The possibility of a thin layer melting at the second order phase
transition does not contradict Landau’s conclusion that melting is
alwaysthefirst-order phase transition [14], sincethe latter isvalid
only for unbounded media and transitions from the state with a
discrete symmetry group into a state which isisotropic and invari-
ant with respect to rotations. In the case considered here, the isot-
ropy, even though the mediumisin aliquid state, is distorted both
by the confining surfaces and by the presence of a selected direc-
tion in the plane of the layer (the direction of deformation).
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lutely idea linearly elastic body (in particular, the
response contains only the basic frequency under a
periodic external action at a fixed frequency).

Itisobviousthat in the study of these layers over the
time range given below, the characteristic time of the
shear modulus relaxation using only temperature and
stress as thermodynamic parametersisinapplicable and
that amore detailed study of nonequilibrium Kinetics of
the system should be undertaken. The slowness of the
shear modulus variation alows for studying the kinet-
icswithin the framework of the macroscopic phenome-
nological theory. Basically, this theory considers the
states of partial thermodynamic equilibrium at a speci-
fied (slowly varying) order parameter. For considering
the states of partial equilibrium as having areal physi-
cal meaning, itisnecessary that the kinetics of the order
parameter be slow. The shear modulus displaysjust this
property as seen in the experiment. This is obvious
from the theoretical point of view as well, because the
shear modulus is a result of long-range correlations in
the system and can change only by the staged mutual
adjustment of atoms, which in any case requires much
more time than, for example, the displacements occur-
ring in the propagation of an elastic wave.

In this paper we propose a theoretical description
of the melting of the mentioned thin intermediate layer
in the framework of Landau’'s theory of phase transi-
tions [10].

A MELTING PHASE TRANSITION INDUCED
BY TEMPERATURE AND SHEAR

The starting point of Landau’s thermodynamics the-
ory of phase transitions is the choice of the order
parameter ¢, which is a quantity characterizing the
qualitative changes of the body state at the point of
phase transition. In the case of melting, anatural candi-
date for the role of the order parameter is the limiting
value of the pair correlation function at infinity or of the
amplitude of the periodic part of the microscopic func-
tion of medium density, whichis equivalent. Inaliquid
state, the microscopic function of medium density is
homogeneous and the order parameter is equal to zero,
while in the crystalline state the density function has a
nonzero periodic component accounting for the pres-
ence of the crystal lattice. The stability of the medium
with respect to shear is closely related to the order
parameter defined in this way, the statement that the
medium is in a crystalline state simply meaning that
any two neighboring molecular layersin this state cre-
ate periodic potentials for each other. The melting
means the vanishing of the periodic component of the
interaction potential. In the case of purely harmonic
modulation of the density function, it can be shown that
the shear modulus i is proportional to the square of the
order parameter

TR 1)

POPOV

At temperatures in the vicinity of the phase transi-
tion temperature, the expansion of the free energy den-
sity in powers of the order parameter has the form

b
Fipam = 20+ 50" @

Here, a and b are functions of the thermodynamic state
parameters, namely, of temperature and pressure. Inthe
vicinity of acritical temperature T,

a(T) = a(T-To). ©)

Function (2) describes the system in a state of min-
imum energy, where there are no elastic deformations.
In the crystalline phase due to nonvanishing transverse
rigidity of the system, the medium can be transformed
into a state of metastable strain. For description of this
state, it isnecessary to add to the free energy Eq. (2) the

free energy of the elastic deformation psé 2. In aspa

tialy nonuniform system the expansion in terms of gra-
dients of the order parameter should be considered as
well. Thus, taking Eg. (1) into account, the total free
energy density can be written in the form

f = a(T-TYe?+ 20" + 0o%es + d00)%, (@
2 2 2
where g4 is the elastic deformation.®
The elastic stressin the layer is defined as
5. = O
el agd
At T < T, and g4 = 0, the coefficient by the second

power of the order parameter is negative, meaning that
the body isin the solid state with a shear modulus:

p=¢r= 220y (®)

= ¢’y = HEq. )

As the €elastic distortions increase, the absolute
value of the coefficient by the second-order term
becomes less. Accordingly, the order parameter and
shear modulus decrease:

2
w= %= G(TC_-L)_Ed/Z- @

At acertain deformation value

Sel,c = /\/ZG(TC_T) (8)

the transverse rigidity of the medium becomes zero.
The elastic stress as a function of the elastic deforma-

3 Note that the free energy (4) has absolutely the same form as the
Ginzburg—Landau free energy in the theory of superconductivity.
The elastic deformation in (4) corresponds to the phase gradient
in the Ginzburg—L andau theory.
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tion is given by

Oy = HEq = Z(&q)

a(T,—T)—€5/2
_ (Te b) ey, €4<Eqc ©)
0, &y4>¢&q4..

At ey = €}, where

2 2 1
es = 50(Te-T) = 3ed (10)
it reaches its maximal value,
1 /2
0o = ta(T.-T)F (11)

Expression (9) is plotted in Fig. 1 with the experi-
mental results taken from [7]. Note that in the experi-
ment this dependence can only be followed up to the
stress maximum since the falling branch of the o(gy)
dependence corresponds to the unstable states of the
system. The layer subjected to gradually increasing
shear stress will loose its stability with respect to shear
when a critical shear value given by Eq. (1) has been
reached. For analysis of its further dynamics, it is nec-
essary to take into consideration plastic deformation.

PLASTIC AND VISCOUS LAY ER PROPERTIES
AT FINITE DEFORMATIONS

If aplastic deformation is present in a medium, the
elastic deformation can be represented asthe difference
between the total € and the plastic €, deformations

(12)

If the plastic deformation varies with time,* then
additional viscous stressis generally associated with it:

€y = E—Ey.

Ovic = népli (13)
where n is the dynamic viscosity.
Thetotal stressin the layer is

0 = 04+ Oyie. (14

It can be shown that the plastic flow in the elastic
state proceeds by thermoactivated nucleation of the
critical dislocation rings, whose energy U, is inversely
proportional to the applied stress:

U, = A(T)/o. (15)

Having overcome this barrier, the disl ocations move
with high velocities determined by the viscous friction
arising from interaction with the phonons and electrons
[11], which are approximately in proportion to the

4 Plastic deformation can develop in an elastic layer at finite elastic
deformations because the state of elastical deformation is meta-
stable and at finite temperatures thermoactivated relaxation of the
elastic stressis possible.

TECHNICAL PHYSICS Vol. 46 No.5 2001

607

0/0g
1.2}

1.0
0.8+
0.6
0.4
0.2

1 1 1 1
Ou 02 04 06 08 10 1.2
8e]/eel, c

Fig. 1. Dependence of the elastic shear stress on the elastic
deformation in the layer. The circles show experimental
data[7].

applied stress. Accordingly, the macroscopic rate of the
plastic deformation is given by an expression of the
form

_A)

gy Ooe o, (16)

This expression shows that we are indeed dealing
with an ideally elastic body in the sense that the rate of
plastic deformations identically becomes zero in the
linear as well as in al finite orders of the stress
(the point 0 = 0 is an essentially singular point of
expression (16)). Still, at finite stress there is aways
some finite rate of plastic deformations.

It can be shown that the coefficient A(T) vanishes at
the critical temperature. This means that at the point of
the transition from the solid to the liquid state (at €4 =
€4, o), therate of the plastic deformation rate varies con-
tinuoudly. Therefore, in the qualitative analysis, we
assume that between the elastic and plastic deforma-
tions, alinear relaxation relationship existsin thevicin-
ity of the transition point

.Sp| = Sd/T, (17)

where T is a phenomenological coefficient having the
meaning of the characteristic time of the internal stress
relaxation (Maxwell relaxation time).

TRANSITION OF THE LAYER
FROM AN ELASTIC TO A VISCOUS STATE

Using Egs. (5), (7), (9), and (17) we write

o= 3I(eg) + %ad. (18)

The plot of this dependence is presented schemati-
caly in Fig. 2 for two different values of the parameter
n/t corresponding to two possible scenarios of the
shear-induced melting. In the first case, as the stress
increases, a steplike melting of the layer occurs at
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Fig. 2. Dependences of the shear stress on the elastic deforma-
tionin alayer undergoing amelting phasetransition. (a) Large
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point 1 and the system goes to point 2, corresponding
to viscous flow. A further increase in stressresultsin a
monotonic increase of the deformation rate. If the stress
is then decreased, the layer remains in the liquid state
down to point 4, where it solidifies abruptly (transition
to point 5). The corresponding diagram with the coor-

dinates (&, , 0) isshown in Fig. 3. A similar hysteretic
behavior was observed experimentaly [7, 8] and in
computer simulations [6].

At very high viscosity (or short relaxation time 1),
there can be no extrema in the function o(g,) as shown
in Fig. 2 (curve a). In this case, the melting proceeds
continuously and results in a continuous and monotonic
increase of the plastic deformation rate with stress.

FLUCTUATIONAL CONTRIBUTION
TO THE ELASTIC STRESS IN THE LIQUID
PHASE

It isinteresting to note that strong fluctuations of the
order parameter in the vicinity of the transition point
produce an elastic contribution to the stress above the
transition point aswell, i.e., in theliquid phase. Indeed,
by averaging Eq. (5) we obtain

Od fluct = Bbz&el- (19

The average value of [§2(in theliquid phase outside
the fluctuation region is given by the following expres-
sion [10]:

B0= [ O0dhr. (20

POPOV

épl/( 8el, c/T)
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Fig. 3. The plastic flow rate as a function of the shear stress
in a loaded/unloaded layer as given by Egs. (18) and (17)
(solid curve). With the use of amorerealistic law of plastic
flow in form (16), the dependence shown schematically by
the dotted line results.

where
ke T
L2[a(T -T,) + gk’

kg isthe Boltzmann constant, and L isthe system extent
in the shear direction.

Equations (19)—(21) determine the contribution of
fluctuations to the total stress above the critical temper-
ature. A similar contribution is added below the phase
transition point. Note that under externally applied
stress, stress fluctuations in the directions perpendicu-
lar to shear are suppressed because of a symmetry vio-
lation. That iswhy theintegration in Eq. (20) is carried
out along only one component of the wave vector (in
the shear direction). Substitution of Eq. (21) into
Eq. (20) resultsin the following expression for the fluc-
tuation component of the order parameter:

4.Jga(T-Te)

Note that the fluctuations of the force of friction
have principally different character at the direct and
reverse transitions. With increasing stress, the static
elastic deformation changes stepwise from the value
corresponding to the maximum stress in the eastic
state to that corresponding to viscous flow of the layer
(transition from point 1 to point 2 in Fig. 2). Therefore,
the layer can be found in the vicinity of the phase tran-
sition point by any stress. When the stress decreases,
solidification of the layer occurs at the point corre-
sponding to the phase transition to the elastic state. In
the vicinity of this point, the fluctuations should abnor-
mally increase, and at the transition point, the fluctua-
tion should be scale invariant [10]. These conclusions
are completely supported by the measurements of the
friction force fluctuations in the vicinity of the layer
solidification transition [12].

60 = (21)

(22)
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Let usfind the temperature dependence of the plas-
tic deformation rate for small stress and temperatures
above the phase transition temperature. In this case, the
stress is given by the expression

_ 2 n. _ kgT n
o = (£, +-¢, = ——¢_ +-¢,. (23
Bb e T e 4 gq(T_TC) e T e ( )

For the plastic deformation rate, by virtue of
Eqg. (17), we obtain

o 1

& = ——m 24
"N fg(T-Ty) 4
where
2
to - (TkBTC) (25)

16n°ga
The dependence (24) is presented in Fig. 4. Similar

dependences have been observed in computer experi-
ments [6].

KINETICS OF THE ORDER PARAMETER
EQUILIBRATION

If the temperature or deformation of the layer
changes stepwise, a certain time is then necessary for
the order parameter to attain a new equilibrium value.
The kinetics of the order parameter can be determined
from the following considerations. The derivative
—0f/0¢ determines a generalized thermodynamic force,
which makes the order parameter approach its equilib-
rium value. In the vicinity of the phase transition point,
this derivative is small and the kinetic equation will be
linear in thermodynamic force:

_ of
q) - _yaq) ’ (26)
where y is the kinetic coefficient, which has a dimen-
sion of frequency in our case.

Its explicit formis
= —y(2a(T=T)¢ +2b6° + pei(1).  (27)

Using thiskinetic equation, let us analyze the exper-
imental results obtained in [7, 13]. In[7], thin layers of
liquid lubricants were investigated with molecules in
the form of linear chains consisting of 3-methyl-unde-
cane (=CH4;—C,,), dkane with eleven CH, groups with
one methyl group near the third carbon atom, and per-
fluoro-heptalyne [CF;O(CF,CF,0),CF4]. A thin layer
of lubricant was placed between two atomicaly flat
mica surfaces, one of which was bent to form acylinder
and glued to a glass lens. The mica surfaces were set
into periodic motion relative to each other at frequen-
cies from 1 to 250 Hz, and the force and relative dis-
placement of the surfaces were measured. In the elastic
region, the response of the layer during one period was
amost ideally linear. At the same time, the response
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Fig. 4. The plastic flow rate as a function of temperaturein
the vicinity of the melting temperature.

varied smoothly from period to period with acharacter-
istic relaxation time from 10 to 30 s for CH;—C;;. The
equilibrium value of the elastic modulus decreased
monotonically as the oscillation amplitude was
increased. It is evident that in the case considered the
order parameter relaxation time considerably exceeded
the period of oscillations. The rel axation time was mea-
sured in experiments with other polymeric lubricants,
for instance, squalane C5yHg,, Which has globular mol-
ecules in contrast lower than the period of oscillations,
so the load could be considered quasistatic [13].

Let us show that the root-mean-square value of the
steady-state order parameter as a function of the root-
mean-sguare of the elastic deformation can be obtained
in general form irrespective of the relation between the
period of external force and the order parameter relax-
ation time.

Dividing Eg. (27) by ¢ and taking into account that
d /d = aInd/at, Eq. (27) can be represented in the form

a|a_nt¢ = —y(2a(T-T,) + 2b¢2+ 53(0)-

If e4(t) isaperiodic function of time, then the solu-
tion of Eq. (28) will be an asymptotically periodic func-
tion of time. Averaging Eqg. (28) over one period and
taking into account that [dIn¢/0t= 0 dueto the period-
icity of ¢, we obtain

2 Q(Te—T)—[E302
0= - .

(28)

(29)

At Etﬁ, Oexceeding the critical value 2a|T, — T, the
average value is [§20= 0. Equation (29) is similar to
Eq. (9); however, in the case of periodic action, it
relates the time-averaged values [¢ °CJand Eté CWe see

that under an alternating applied force, the layer under-
goes the same melting phase transition as in the case of
the static external force. At the transition point in this
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Fig. 5. Typical response of the layer to an oscillating stress.
Asymmetry is caused by athird harmonic in the response of
the layer (see Eq. (34)).

case the amplitude €, exceeds the critical value for the
transition g4 . under static load. Exactly thisbehavior is
observed experimentally [7].

If the frequency is much higher than the reciprocal
of the relaxation time, then the solution of Eq. (27) or
of the equivalent Eq. (28) can be easily obtained in
explicit form. So, for the first-order approximation in
the parameter y/w, we obtain

t
O O
6(t) = T -y[(ea() ~ EaDAT  (30)
o 4 O
Substituting
g4(t) = J2E3ENnwt, (31)
we find
O . O
0(t) = o[l — 5 (EaBN201 (32)
O 0
Obviously, this expansion istrue if
EV(:) E20< 1. (33)

The stress a(t) = ¢3(t)(t) in the linear approxima-
tion in the parameter y/2w is given by the expression

a(t) = dpy2 csgc[sinwt + %ﬂ 2 tosot
(34)

_Y 32
5% Ly EtosBcot]

It has a component in phase with €(t) and a compo-
nent out of phase by 172, which determine the elastic
(W) and dissipative (4" parts of the shear modulus,

POPOV

respectively:
W= 65
W= 9oo B0= pal i

If the stressis taken in the form of a harmonic func-
tion

(35

o = J20°snot, (36)
then for the deformation, we obtain
J2moa0 050
g(t) = . e'E{smoot - Zi —2- coswt
0 w ¢O
(37)

020
+§y— — cos3(.ot}
W ¢,

Note the presence in the response of the third har-
monic, which has the same amplitude as the dissipative
component of deformation. The occurrence in the
response of the squalane layer under periodic loading
of a well pronounced third harmonic (with the phase
coinciding with that given by Eq. (37)) was established
in[13]. A typical response at ymfé MZooq)é =1/3ispre
sented in Fig. 5.

ORDER PARAMETER RELAXATION
AT FIXED STRESS

In experiments, it is often not the displacement but
the externally applied stress that is fixed. Expressing
from the condition of constant stress,

0 = b’y = congt, (38)

the elastic deformation as a function of the order
parameter and substituting it into Eq. (27), we obtain
the kinetic equation
2
b =~y 2a(T-Too +2b¢3+$—3}, (39)
which determines the order parameter dynamics at a
given stress. Introducing the dimensionless variables

b = o/, t = tt,, (40)

where ¢, = (a(T,—T))Y?isthe equilibrium value of the
order parameter in the absence of deformation (see
Eqg. (6)), 0, = (U/b)(2/3a(T, — T))%? is the maximal
attainable steady-state elastic stress in the layer given
by Eq. (11), and t, = (20(T.— T)y)* isthe characteristic
time of the order parameter relaxation to the equilib-
rium value, Eq. (39) can be rewritten in the form

4 0
27¢

0 = aloy,

(o3
S

$-6°-

(41)

—+ |

0
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The function on the right side of this equation is
shown in Fig. 6 at several values of the dimensionless
stress. In the absence of externa stress (o = 0), the
equilibrium value, which is given by the intersection
point of the corresponding curve with the abscissa axis,
is§ = 1. If the stress is increased rapidly to ¢ = 0.5,
the order parameter will decrease and the kinetics of the
approach to the equilibrium value will be exponential.
If the stressis increased up to the critical value, 6 =1,
the kinetics of the order parameter in the vicinity of the
equilibrium point, which is a §* = ./2/3, will be
determined by the equation

a(fT)a—{TJ*) — —6«/73(43_&)*)2- (42)
Its solution
py = — & 43)
1+ 6./2/3p*t

showsthat at critical stress, the approach to the equilib-
rium value obeys the power law.

At dtill higher stresses, the derivative 0 /dt
remains negative at all values of the order parameter,
which decreases until reaching zero. Obviously, this
decrease proceeds with acceleration and the system
attains the zero of the order parameter in afinite time.
Indeed, at low values of the order parameter the great-
est contribution comes from thelast termin Eq. (41), so
this equation can be rewritten in the form

0§ _ _4¢°
at - 27§% 49
Its solution has the form
8 = [60) -5, (45)

supporting the above statement.

The numerical solutions of Eq. (41) for the critical
stress (0 = 1), aswell as for lower and higher stresses
than the critical one, are shownin Fig. 7. The presented
kineticsisamazingly similar to the kinetics observed in
experiment [7]. The fact that the measurements in [7]
were carried out under alternating stress does not com-
promise the results presented above. So, it can be
shown that if the stress frequency is much higher than
thereciprocal of the order parameter relaxation time (as
was the case in the experiments described in [7]),

Eq. (41) is valid provided that ¢ is understood as a
mean of the order parameter over the stress period and

~32
0~ asamean-sguare stress.

TECHNICAL PHYSICS Vol. 46 No.5 2001

611

06/t
0.4L

0=0

0.2+

0

-0.21

—04f

Fig. 6. The rate of variation of the normalized order param-
eter as afunction of the order parameter.

2
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Fig. 7. Kinetics of the shear modulus (order parameter
squared) at stresses below, at, and above the critical stress.

Note that in the vicinity of the point ¢ =0, Eq. (38),
and the kinetic Eq. (39) aswell, become, strictly speak-
ing, inapplicable. Taking into account viscosity, instead
of Eq. (38), we will have

(9)

€4 = ,
" tenn

(46)

and the kinetic equation in the vicinity of the zero of the
order parameter takes the form (we return to the initial
dimensional variables)

2

b = v——sb. (47)
(¢*+n/T)
It isobviousthat if
¢’ <n/t, (48)

the kinetics changes from the square-root law of
Eq. (45) to an exponentia law with the characteristic
relaxation timet,'

2

1_.yo

= (r]/T)Z' (49)
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KINETICS OF THE TRANSITION
TO SOLID STATE

If in the experiment the resulting strain is main-
tained constant, then the kinetic equation taking into
account thefinite rate of plastic deformation is obtained
from Eq. (27) by substituting Eq. (46)

2
9]

¢ = —y|20(T=To)¢ +2b¢° + p————;|. (50)
¢ +n/t)
Going back to the dimensionless variables (40), this
equation can be written in the form

00 _ 5 g 2 6’ 51
a 27($2+k)2’ ( )
where
k=11 (52)
T2

Thelinearization of Eqg. (50) in the neighborhood of

the point = O shows that the liquid state becomes
unstable at

- gﬁk (53)

0 1 2

! ~
3¢

Fig. 8. Kinetics of the shear modulus increase after removal
of load.

kS

i,

— > X

Fig. 9. Schematic of the tribological system.

POPOV

Thus, if k < 2/(&/3), the strain of solidification will
be substantially lower than the strain of melting.

Let us analyze the solidification kinetics in the lim-
iting case where the strain drops instantaneously from
the critical value (53) down to zero. The solution of

kinetic Eq. (50) at 6 = 0isgiveninanimplicit form by
6 1, 1-¢ 1, 1+ _~
In~¢ —ZIn——"—=—-ZIn——= = t.
$(0) 2 1-9(0) 2 1+¢(0)
The corresponding time dependence of the normal-

ized shear modulus ¢° from aninitial value of ¢ (0) =
0.1ispresentedin Fig. 8.

(54)

STABILITY CONDITIONS FOR STEADY
SLIDING

The dynamics of any tribological system is deter-
mined not only by the forces of friction acting directly
in the diding plane, but also by the elastic properties of
the system as awhole. The latter in many cases can be
described in the framework of the following model pre-
sented schematicaly in Fig. 9. A spring with elastic
constant k, istied to ablock of mass M placed on aflat
substrate. The contact area of the block with thefloor is
denoted by A. The free end of the spring moves with a
constant velocity v,. The equation of motion of the
block has the form

MX = Kg(Vot—Xx)—Fy, (55)
where Fy is the friction force
Fo = A(04 + 0yig).- (56)

For the rate of plastic flow determining the viscous
contribution to the strain, we will use the approxima-
tion

(57)

which is based on the thermoactivated nucleation of
dislocations. The form of this dependence for different
values of the parameter Uy/ksT isshownin Fig. 10. For
a layer of thickness d, using Egs. (54), (57), and the
relation x = de and neglecting theinertiaterm, the equa-
tion of motionis

k(vot—x) = Ay +IR(elea OF  (59)
Differentiating Eq. (12) with respect to time and
taking into account Eq. (57), we obtain

X = gqd+ %R(ed/ed,c)d. (59)
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Kinetic Eq. (27) can be transformed to

[t = —2y[(eq €& oK + 2bp’]. (60)

Equations (58)—60) completely determine the
dynamics of the block’s movement over the substrate.
The steady-state solutions of this system of equations
satisfy the following three equations:

%R(se,/se,yc)d = vq (62)

— sel c _ Sel [l
! e (62)
&, = A%e,w Ra: % (63)

Here, H(X) isthe Heaviside function, & = X — vt.

In order to study the linear stability of this solution,
we will linearize the system of Egs. (58)—(60) in the
vicinity of the steady-state solution (61)—63):

dogy +

(eal€q,0)0Eq = BE, (64)

3t = —2y((e5 — &5 o)OM + 2e4udey + 4DUSH), (65)

kB = ARbjiey + udey + Fs%“ Roe,2  (66)
Substituting into Egs. (64)—66):
dey, O, OF O e™, (67)

we cometo the following condition of the solvability of
the system of equations (64)—(66)

Sp’+Np+Q = 0, (68)
where

= kd+AH,1 ” R'D (69)

_ N_ o

N = E<Sd+AEp+Ted R
’ (70)

x (2yle5 -3¢

Q = kd—— 2y|sd—sd J- (72)

The stability condltlon for the solutions is that all
coefficients in Eq. (68) should have the same sign.
Since S and Q are aways positive, this condition
reducesto the requirement that the coefficient N be pos-
itive. The equation N = O, therefore, describes the
boundary on the (g4, k¢ plane separating regions of the
steady-state and non-steady-state movements. Solving
it with respect to ks and taking into account Eqg. (62), the
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Fig. 10. The plastic deformation rate as afunction of elastic
deformation at different values of the activation energy.
Numbers by the curves are values of the parameter Ug/kgT.

equation of the curve bounding the region of steady
states can be obtained:

k.d
Alg
(72)
2E(1—FH(1—5) - H1—e)H1L—F) + —L—RFh -2
0 THo€a,c [
-8+ —L R
2ytey ¢

The form of the boundary of the steady states in
coordinates (ks £y) can be obtained by solving
Eq. (57) with respect to € and substituting the function
€ = £(&y) into Eq. (72). In the limit of large values of
the parameter Uy/ksT, EQ. (72) can be presented in a
simple analytical form. First at al, note that

Uol+ & 1o _ Uol+€%,
kT ¢2 kT g2 ™™

R = (73)

Then, in the case UykgT > 1, the rate of plastic
deformation is essentialy nonzero only in the immedi-
ate vicinity of the critical value € = 1 and we can

replace € by its critical value throughout Eq. (72) with
the exception of terms containing

voe KeT, .
(1—82)2——UB:|n(8p|T).

Ultimately, we arrive at the equation

kd _ —In(gu1)(1—Kkqy(EnT))
2A|JO - _In(éplT) +k2(éplT) ,

(74)
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ksd/ (A p-O)
2

24 (b)

0

Fig. 11. Curves bounding the region of steady-state motion.
The motion is steady-state in the region above the corre-
sponding curve and non-steady-state below. Numbersby the
curves are values of the parameter Ug/kgT. Solid curves are
exact solutions of Eq. (72), dashed curves are the approxi-
mate solutions of Eq. (74). ky: (a) 1.0 and (b) 10.

where
__n Yo
K THoEq ke T ’ (79)
_ 1 pYorf
k, = e iak (76)

The stability diagram for the steady-state movement
ispresented in Fig. 11.

PHYSICAL ORIGIN OF THE SHEAR-INDUCED
MELTING PHASE TRANSITION

Returning to the problem of the possibility of a sec-
ond-order phase transition between crystalline and lig-
uid states, we emphasi ze that the peculiar feature of this
transition in our caseisthat it occurs under conditions
that considerably change the symmetry of both the
crystallineand liquid states, in thefirst place because of
the confining solids and, in second place, by elastic
deformation. Orientation of the surfaces of the solids

POPOV

determines the preferential plane, and the direction of
shear determines the preferential direction in that
plane. The vanishing of the order parameter and the
related vanishing of the shear modulus imply that the
microscopic density, whichisperiodicin the crystalline
state, becomes uniform in the liquid state [14]. The
preferential character of the direction of shear creates a
situation in which, as a result of melting, the micro-
scopic density modulation disappears first only in the
direction of shear. If this is indeed the case, then the
melting has a peculiar one-dimensional character.
Whether such one-dimensional melting actually takes
place in the above experiments can be found out exper-
imentally by studying the orientation of the atomic lay-
ers after shear-induced melting and the subsequent
solidification of the layer when the load is reduced.

Let us show that the mentioned partial one-dimen-
sional melting can occur as a second-order phase tran-
sition. Below we follow Landau’s argument [14], mak-
ing such modifications as necessary for an anisotropic
system.

Let dp be the change in microscopic density of the
layer as aresult of transition from the crystalline state
to the shear-melted state with x as the coordinate in the
direction of shear. dp asafunction of x isequa to zero
in the molten state and is nonzero in the crystalline
state. Let us represent 6p as an expansion in plane
waves:

5 = Y be”, (77)
2
where k = 2rm/a, nisan integer, a isthelattice constant
in the x direction, and the term with k = 0 is excluded
from the summation. Since dp isreal, there should be

where * denotes the complex conjugation.

Expansion of the free energy in powers of dp con-
tains terms of the form

b, biey B -

For the free energy to be invariant with respect to
translations, it is necessary that k; + k, + ks + ... = 0.
Hence, the second-order terms contain only the prod-
ucts bbb, or, according to Eq. (78), |bJ°. The free
energy expansion, therefore, has the form

f=3 Adby?.
k

Here, A, are constants depending on temperature and
elastic deformation. Above the melting point, f has a
minimum for al A; i.e., all A, are positive. At the point
of the continuous phase transition, the second-order
term should become zero at nonzero values of dp. This
means that one of the A, coefficients should turn zero at
the transition point; i.e., the curve A(K) is tangentia to

(79)

(80)
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the abscissa axis. Thus, at the transition point, the den-
sity modulation arises at a certain single wavelength
determined by the k, value at which A, becomes zero.

In accordance with Landau’s theory [14], the higher
order terms can now be written in form (79), where the
summations are carried out over only the wave vectors
in which the instability appears. It is clear that the free
energy expansion contains no third-order terms since
no sum of three wave vectors from the set {k,, —kg} is
equal to zero. But the condition for the continuous
phase transition isjust that there must be no third-order
terms in the expansion of the free energy. The disap-
pearance of the microscopic density modulation in the
direction normal to the diding (at larger shear deforma-
tions) is also the one-dimensional phase transition and
can proceed as a second-order phase transition.

We come to the conclusion that the specific symme-
try of thin layers subjected to strong shear deforma-
tions, in contrast to melting by increasing temperature,
resultsin the possibility of two melting transitions, both
of which can proceed as a second-order phase transi-
tion. The first transition results in the disappearance of
the density modulation only in the direction of shear
(the one-dimensional melting) and the second transi-
tion results in the disappearance of the density modula-
tion in the normal direction as well (total melting).
Although we do not know of experiments that directly
support the conclusions made, the computer simulation
shows that the transition from the molten to the solid
state indeed often occurs as two consecutive phase tran-
sitions [6].

CONCLUSIONS

The concepts developed in the present study natu-
rally explain the experimentally observed peculiarities
of the kinetics of shear-induced melting and solidifica-
tion of thin layers of lubricants. Of fundamental impor-
tance is the introduction of, first, the nonequilibrium
shear modulus and, second, the nonequilibrium order
parameter, the latter being amore fundamental quantity
than the shear modulus. It is for the order parameter
that the analytical kinetic equations at the transition
point can be written. The introduction of these two
guantities makes possible anatural interpretation of the
linear response of the system under fast alternating
stress and of the occurrence of the phase transition as
the amplitude of the alternating stress increases. The
agreement between the obtained variations with time of
the shear modulus in direct and reverse transitions, on
the one hand, and the experimental data, on the other,
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shows that the experimentally observed peculiarities of
the melting kinetics of thin layers can be described
assuming that shear-induced melting isaresult of asec-
ond-order phase transition taking place as elastic defor-
mation of the layer increases.
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Abstract—The design and testing of a Compton current generator are briefly described. Its current response to
ay quantum (i.e., sensitivity) is estimated at n = 7.0 x 102 (A cm? s)/y. At relatively high gamma fluxes, the
generator can be employed as a battery charger. When it is fed by a pulsed gamma flux, the resulting current
pulse is capable of triggering the equipment and evaporating a metal wire synchronously with the application
of the gamma pulse. The generator can also be used as a direct-charge radiation detector for determining the
dose and dose rate of aradiation pulse, aswell asits shape. © 2001 MAIK “ Nauka/Interperiodica” .

INTRODUCTION

Interaction of high-energy directional gammafluxes
with matter generates the directional motion of high-
energy charged particles, i.e., a photo-Compton elec-
tron current |- (with a density of j), and also causes
charge separation in the matter with the formation of a
current of low-energy charged particles, i.e., conduc-
tion (or leakage) current |, (with a density j). In our
case, the currents are oppositely sensed [1].

In practice, these phenomena adversely affect the
operation of devices in the radiation environment. At
the same time, they can have a beneficial effect in a
number of specific cases [2].

Our aim was to take advantage of a directional flux
of high-energy charged particles in converters of
X-rays to electric current. These converters are of two
types. current generators and radiation detectors that
are charged directly by the action of a gamma flux
(hence, the term “direct-charge radiation detectors’)
[3]. Their designs are similar (see Eg. (6)). In the radi-
ation energy range considered in this article (0.5—
10 MeV), the Compton scattering of gamma quanta by
bound electrons of insulator atoms prevails; therefore,
both devices will be called Compton current generators
(CCGs). Structurally, a CCG represents an insulating
gap of arbitrary geometry with two metal electrodes on
its boundaries or a set of such gaps.

In this work, the device was made in the form of a
planar disk that had d-spaced 50-um-thick copper fail
plates. The gap was filled by polyethylene (CH,), or
fluoroplastic (CF,),. The energies of gamma quanta,
chemical composition of the device, and size d were
such that the pair-generation effect and the contribution
of thethin platesinto | and | ; could be ignored.

ELECTRODYNAMIC PROBLEM AS APPLIED
TO A GAMMA-IRRADIATED GAP
WITH A CONDENSED INSULATOR

The electric field in a CCG insulating gap exposed
to radiation is determined from the expression

5 = dvlic—io) = dv(c-0B),

divD = div(e,eE) = p.

Here, o is the radiation-induced conductivity of the
insulator, E is the electric field strength vector in the
insulator, D is the dielectric displacement vector, €; is
the dielectric constant, € is the relative permittivity of
the insulator, p is the space charge density in the insu-
lator, and t istime. Problem (1) is solvable because the
dependences of the material parameters (o, €, j¢) of a
specific insulator on radiation-field parameters (spec-
trum, dose, dose rate, irradiation time, and postirradia-
tion relaxation), aswell as on attendant external effects,
are known. On the condition that the gamma quantum
rangein theinsulator [4] ismuch greater than d evenfor
the lower limit of the energy interval, the solution of
system (1) over the space (without considering the
explicit dependences of the insulator parameters on the
acting radiation field) is given by

ol 1oy -

ERU(t)-'- RnDV =l .+l +1,. (2
Here, | (t) isthe generator current asafunction of j (t);
V, radiation-induced potential difference between the
generator plates, C, capacitance of the gap; R, leakage
resistance of the gap; R,, load resistance; |, current
passing in the externa circuit; and I, charging current
in the gap. In (2), I4(t) is the only material parameter,

14(1) = S(Cv)+
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however, the radiation-induced electric field in the gap
(the gap specifies the power and current capabilities of
CCGs) aso depends on the other material parameters
of the insulator. Therefore, the complete design of the
CCG aso implies the calibration of the three (o, €, j¢)
material parameters of the insulator according to their
dependences on the radiation-field parameters and
device geometry. Note, however, that when insulating
gaps are used as a current generator driven by gamma
radiation, our goal is to obtain significant values of |,
therefore, the ideal case would be the short-circuit
mode I, = I(t), according to (2). In practice, designers
are making efforts to provide conditions as close to the
short-circuit mode as possible. In this case, the |leakage
current ismuch smaller than | ((t) and isignored; hence,
I, O1g(t) —I. By choosing the CCG design and load
such that the setting time of the potential difference
between the platesis much less than the exposure time,
we eventually obtain I (t) O1,. Therefore, in this work,
we calculate only the generator current IA(t) and its
sensitivity to radiation and verify our calculation exper-
imentally; the calculation and calibration of the con-
ductivity and permittivity of the insulator are beyond
the scope of our report.

Calculation of the CCG Current and Sensitivity

Usually, gamma sources (especially, impulse
sources) have a continuous spectrum of gamma quanta.
Under these conditions, it is impossible to determine
the CCG current and power capacities by calibration,
since an appropriate set of calibrated high-energy
sources that cover the continuous gamma spectrum is
lacking. Therefore, one cannot get by with anaytical
methodsin this case. Designers usually first develop an
adequate procedure for determining the sensitivity of a
CCG and then verify it with respect to the amplitude
with experimental techniques using available calibrated
monochromatic gamma sources. In addition, they
observe how the CCG current reproduces the shape of
incident gamma radiation by means of an impulse
source with a known or a still unknown shape. Good
agreement between the analytical and experimentally
measured sensitivity values means that both the design
and the fabrication technology of the generator are
acceptable.

Let a gamma flux N, y/cm? be incident on a planar
CCG normally to its surface. We assume that the
gamma quanta are distributed with some spectral den-
sity. Then, the normalized-to-unity group spectrum of
the quantais given by

f(E)AE = ATNE, )

where E is the energy of the quanta[MeV], ANg isthe
number of quanta with an energy in the interval AE =
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E, — E;, and f(E) is the density of the energy distribu-
tion of the quanta[MeV].

Next, let the normalized-to-unity time distribution
of the quanta have the form

AN,
d(t)At = N 4

Here, AN, isthe number of quanta per unit timeinterval
At=t,—t; and ¢(t) isthedensity of thetimedistribution
[sY], which describes the radiation pulse shape.

Let H(E) be the attenuation coefficient of gamma
radiation in the insulator, &(E) be the mean projection
of the recail electron path in the insulator onto the
direction of incidence of the radiation, and q be the
charge of an electron. Then, the magnitude of the
radiation-induced current in the insulator can be
expressed as

je(x 1)

* 5
= —qNo¢(t)J'H(E)exp(—u(E)X)5(E)f(E)dE, ©
0

where E is the greatest energy of the gamma quanta
and x is the space coordinate that coincides with the
direction of gamma flux incidence on the CCG and is
reckoned from its front plate.

Equation (5) shows that the radiation-induced cur-
rent reproduces (in time) the shape of the acting radia-
tion. In Eq. (2), 14(t) is expressed through jo(X, t);
namely, I4(t) isthe convolution of j (X, t) over the space
with consideration for the distribution of recoil elec-
trons in the insulator and with regard for the transport
of their charge to the CCG plate (the transport ratio
depends on the insulating gap geometry).

For a planar CCG, a steady-state monochromatic
gamma source, normal incidence of gamma quanta on
the CCG plane, uniform irradiation of the plate surface
area S and an insulator thickness much less than the
gamma quantum range in the insulator, we have

l4(t) = 0.55qNg0 (1)3p’d (6)
(the intermediate mathematics is omitted).

Note that Nyd(t) in expressions (5) and (6) is the
gamma flux density and represents the instantaneous
intensity of the acting flux. This quantity specifies to
what extent the CCG current reproduces the shape of
incident radiation in time. For a static gamma source,
Nod(t) is the time-invariable gamma flux density; we
designated it as ®,. Let us define the CCG current
response (sensitivity) as the CCG current per unit

gamma flux density. Then, for an Etalon-3 static Cog

gamma source with an effective gamma energy of
1.253 MeV and for the CCG geometry mentioned
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above, the rated sensitivity n is

2
N = 2% = 05Sg8K’d = 6.71x 107 Acm s
0

CCG CALIBRATION ON AN ETALON-3 GAMMA
RADIATION SOURCE

Calibration was aimed at measuring the CCG sensi-

tivity to Cosy gamma quanta: the CCG current is

divided by the density of agammaflux passing through
the generator.

Metering Equipment

The Etalon-3 source was certified at the Mendeleev
Research Institute of Materials as a secondary standard
of exposure dose (ED) and exposure dose rate (EDR)
(certificate no. 39/91). Other devices (U5-11 amplifier,
M2300 dose meter, Shch1516 voltmeter, and D3-28
computer) were certified at the Mendeleev Research
Institute of Materials and the Specialized L aboratory of
Metering Equipment.

On calibration, the radionuclide activity was
=100 Ci and the gamma beam axis passed perpendicu-
lar to the working space of the CCG through its center.
The distance between the front wall of the CCG and the
center of the source was 57 cm.

Results of Measurement

A uniform (within +3%) collimated gamma flux
uniformly irradiated the CCG surface. With the M2300
dose meter, we measured the relative differencesin the
EDR valuesfor various collimator diameters and deter-
mined the EDR at | = 57 cm using the known EDR
value at the certified point (I = 150 cm). The validity of
the EDR values measured (the accuracy 2.5%) was
confirmed by the fulfillment of the condition EDRI? =
const. We took the mean value.

The gamma flux density ®,(y/(cm? s)) is related to
the EDR (ur/s) as 1.70 x 10° y/(cm? s) = 1 ur/s. Using
the known EDR at a distance of 57 cm to the source
center, we obtained ®, = 1.51 x 10° y/(cm? s).

The CCG sensitivity is found by the formula

U 1 Acm®s
= =7. 1 .
rlv q)an 0x10

Here, R, = 1.01 x 10%* Q is the metering resistance of
the U5-11 amplifier and U(V) = U, - U,, where U, and
U, are the mean voltages across the plates under and
without irradiation, respectively.

The mean voltage values were obtained from sev-
eral tens of observations, each observation being 100 to
300 instantaneous readings of the Shch1516 voltmeter
that were averaged with the DZ-28.

GRYZUN et al.

The systematic errors of measurement were as fol-
lows: +3% for the EDR at a distance of 57 cm to the
source, +4% for the coefficient of EDR-to-®, conver-
sion, and +2% for R,. The relative errorsintroduced by
the Shch1516 and M 2300 were negligible. The random
error of measurement isthe sum of random errors of the
voltages and does not exceed +6% at a confidence prob-
ability of 0.95.

Thus, the overall relative error of the CCG sensitiv-
ity, measured according to State Standard 8.207, is no
more than 9% at a confidence probability of 0.95. The
reproducibility of the results was 96.5% or higher. The
difference between the calculated and experimental
sensitivities, 4.1%, lies within the calibration accuracy
and is due to the known systematic error of calculation
that can be eliminated in practice.

TESTING OF THE GENERATOR ON A FAST
PULSE GRAPHITE REACTOR

The aim of experiments with the fast pulse graphite
reactor [5] was to record the shape of the CCG current
pulse when the generator is fed by gamma radiation
from the reactor and to compare it with the reactor
pulse recorded by the standard technique [5]. The qual-
itative parameter of comparison is the pulse shape
itself, and the quantitative parameter is the pulse half-
width.

The Compton generator was 84 cm distant from the
surface of the active zone of the reactor.

RESULTS

The CCG pulse halfwidth measured from the oscil-
logram was found to be 3.25 x 102 s. Thisvalue differs
from the reactor pulse halfwidth measured by the stan-
dard technique by 0.31%. Such a discrepancy falls
within ameasurement accuracy of 10% for both values.

The shapes of both pulses were totally coincident.

CONCLUSIONS

(1) The eectrodynamic properties of an insulating
gap exposed to continuous-spectrum gamma radiation
cannot be determined by calibration because calibrated
steady-state  monochromatic  high-power gamma
sources covering the entire spectrum of impulse
gammasources are lacking. Therefore, in thiswork, the
characteristics we are interested in were obtained ana-
Iytically, i.e., by solving the boundary-value problemin
the gap for a CCG of planar geometry. The solution,
which includes the spectrum and density of a gamma
flux, relates the current and potential difference
between the generator plates to radiation-field parame-
ters.

(2) Our analytic method was verified by the example
of the Coss radionuclide spectrum and the gamma flux
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intensity from a pulse nuclear reactor. It turned out that
the calculated and experimental CCG sensitivities dif-
fer by 4.1%. Also, the current shape and duration of the
CCG differ from those of the nuclear reactor that were
determined by standard technique by 0.31%. Thesedis-
crepancies are well within the measurement accuracy,
counting in favor of the analytic method and the CCG
fabrication technology.

(3) The coincidence of the analytic and experimen-
tal CCG sensitivities means that the analytic method is
valid and can be applied to calculating not only the cur-
rent of a specific generator but also, more generally, the
radiation-induced current in the insulator.

(4) 1t was shown that the insulating gap convertsthe
energy of high-frequency (2 x 10%-2 x 10°* Hz) elec-
tromagnetic field to a current pulse of a duration equal
to theirradiation time. The current can charge batteries,
trigger equipment, or evaporate a metal wire. In addi-
tion, the current energy can be converted to the energy
of an electromagnetic pulse with a frequency corre-
sponding to the irradiation time.

(5) A CCG can be used as a direct-charging detector
for determining the shape of gamma pulses with a con-
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tinuous spectrum. It can also be applied to measuring
the dose and intensity when the spectrum of gamma
radiation is (i) monochromatic; (ii) continuous and
either known prior to experiments or isto be measured
experimentally; and (iii) continuous, unknown, and
weakly (=10%) variable from run to run.
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Abstract—Thermally stimulated current spectra of human blood preparations are investigated. The electret
effect in blood isinterpreted using the fundamental concepts of the electret state of matter and electrical polar-
ization of biopolymers. It is speculated that the electret effect in blood is related to the biological cyclesin the
organism and associated biochemical processes. It is noted that the method of thermally stimulated current is
appropriate for express diagnostics of biological abjects. © 2001 MAIK “ Nauka/Interperiodica” .

INTRODUCTION

The electret effect, i.e., the ability of materials to
retain the electrically polarized state after an external
effect responsible for polarization has been removed
and to produce the electric field in the environment, is
a fundamental property of living and nonliving matter
[1]. To date, this effect has been discovered in many
materials and biological objects [1-3]; therefore, it is
logical to assume that it plays a vital role in the life
activity of biological systems. Obviously, the study of
the electret properties of living tissuesis of great inter-
est in biology and medicine.

The concept of electrical phenomena in biological
objects dates back to the middle of the 19th century,
when Du Bois-Ramond put forward the so-called elec-
tromolecular theory [2]. It isknown that more than 90%
of living matter is accounted for by polar molecules of
proteins, nucleic acids, lipids, adipose matter, carbohy-
drates, and water, which bear coupled electric charges
(dipoles). The essence of Du Bois-Ramond'’s theory is
that biological electrogenesisisgoverned largely by the
dynamics of polar groups entering into the composition
of the molecules listed. By the early 1970s, two funda-
mental properties of living matter had been established:
natural electrical polarization as a general property of
living tissues and the presence of a quasi-polar bioelec-
tric field [1-3]. Today, thorough investigation into the
bioelectret effect via modern physical instruments and
available theoretical concepts of the electret state has
become a burning issue.

The most effective way of studying the charge state
of insulators is the method of thermally stimulated
depolarization (current) (TSC). Perhaps, the term
“thermally stimulated discharge” would more ade-
quately reflect its basic idea. In this method, the relax-
ation of a charge responsible for the electret state is
studied. Since charge relaxation at room temperatureis
a long-term process, the discharge is stimulated by
heating at a constant heating rate. The sample placed

between two electrodes is heated with a constant rate,
and the current passing in the circuit is measured. From
its temperature dependence (TSC spectrum), one can
judge mechanisms behind the electret effect. The
advantages of the TSC method are its high sensitivity
and high resolution. Also, it gives a chance to trace
relaxation processes in a materia that can be in differ-
ent states and to record the transition temperatures.

Recently, the tendency to extend the application of
the TSC method has appeared. In particular, it was used
for food characterization [4] and in studying the depo-
larization of collagen, hemoglobin, mioglobin, etc.
[1, 5, 6]. In addition, with the TSC method, the electret
effect was found to be a common property of polypep-
tides, polynucleotydes, and polysaccarides [7-9].

Unlike electrical polarization in “simple” chemical
compounds, the electret effect in human body tissues
has a more complex nature and is of greater practical
value. There are reasons to believe that the parameters
of this effect vary according to life conditions of the
organism [9]. The electrophysical properties of blood,
one of the most important components of the human
organism, are particularly sensitive to changes in the
environmental conditions.

It wasthe aim of thiswork to study the el ectret prop-
erties of blood of different groupswith the TSC method
and to treat the resultsin terms of the fundamental con-
cepts of the electret effect.

EXPERIMENTAL METHODS

In experiments, we used Rh-positive periphera
blood of groups I-V. From each donor, blood was
taken fivetimesat 1-2 hintervalsduring aday. Samples
(2 ml) were placed into an aluminum electrode
(degreased in ethyl alcohol) and covered by a sterile
polytetrafluoroethylene (teflon) spacer on which the
second electrode was applied. The sample was heated
at arate of 5 °C/min, and the interel ectrode current was
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measured (for the measuring circuit, see Fig. 1). The
thermoclearance method [10] was used to accurately
determine the energies of activation of polarization
charge relaxation that correspond to peaks in the TSC
spectra. The sample was first heated with a constant
rate to obtain thefirst peak and then wasrapidly cooled
to room temperature. After repeat heating, another peak
at a higher temperature was recorded, etc. The energy
of activation for each of the peaks was evaluated from
the ascending portion of the I(T) curve[10].

RESULTS AND DISCUSSION

For all the blood preparations, the TSC spectrahave
three extrema (Fig. 2). In the low-temperature range
(T = 40-50°C), a smooth peak of negative charge
relaxation is observed. It isknown [1] that the low-tem-
perature depol arization peak for collagen and hemoglo-
bin is due to so-called bound water. Human blood is a
multicomponent system consisting of plasma (a water
solution of minera salts, amino acids, proteins, ste-
roids, enzymes, etc.) and blood cells (erythrocytes, leu-
kocytes, thrombocytes, etc.) [11]. Erythrocytes (or red
blood cells), containing hemoglobin enclosed by alipid
sheath and other components responsible for oxygen
transport in the organism, account for about 45 wt % of
blood. The specific chemical structure of amino acids,
proteins, and lipids (a great number of polar groups,
such as NH, CO, and OH) define the high hydrophilic-
ity of the blood components; hence, most of them are
covered by hydrate sheaths [1, 12]. Thus, it might be
expected that some amount of water in blood isin the
bound (structured) state since hydrogen is bonded to
polar fragments of various organic molecules. This
appears to increase the dipole moment of the compo-
nents and cause the electret effect, since the energy of
dipole water molecules depends on their orientation.
Thermally stimulated disintegration of such coordi-
nated structures is, in essence, dipole disordering.
It seems likely that this disordering shows up in the
form of the small low-temperature TSC peak. For this
peak, the energy of charge relaxation activation is W, =
0.45 eV. The mean energy of ahydrogen bond isknown
to vary between 0.10 and 0.25 eV [13]. With complexly
configured organic compounds (containing polar
groups) present in blood, water molecules may form
coordinated structures with higher bond energies.

The results obtained indirectly corroborate data that
bound water in biopolymers can be in the electret state
[1, 14].

In the middle-temperature range (T« = 70-90°C),
the extremum is the superposition of several peaks
whose intensities are several times greater than that of
the low-temperature peak. This means that, in this tem-
perature range, some coordinated structures break
down and bound dipoles with relatively high bond
energies relax. In our opinion, the middle-temperature
peak can be attributed to the thermal denaturation of
2001
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Fig. 1. Setup for measuring and recording TSCs: 1, teflon
spacer; 2, upper (Al) electrode; 3, data amplifier; 4, dis-
mountable screen; 5, lower (Al) electrode; 6, blood sample;
and 7, PC with dedicated software.
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Fig. 2. TSC spectra of (a) group-l, (b, ¢) group-ll,
(d, e) group-I11, and (f) group-1V human blood. In (d, €), the
high-temperature peaks are of different polarity.

protein compounds in blood, i.e., to an irreversible
modification of the protein structure without breaking
the polypeptide chain. As is known, the secondary
structure of proteins is formed by intramolecular
hydrogen bonds and the tertiary structure, largely by
Van der Waals forces [13]. The thermal relaxation of
charges of ionized and protonated groups, which are
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responsible for the electrostatic attraction between
fragments of a protein molecule, and that of Van der
Waal s interactions cause the denaturation of blood pro-
teins [15]. The wavy middle-temperature peak in
Fig. 2b (which was resolved by thermoclearance,
Fig. 2c) seems to correspond to the three values of the
bond energies (W, between 0.5 and 0.7 €V) responsible
for the polarization of proteins of group-I1 blood.

The high-temperature (T, = 105-120°C) peak is
the most intense. At these temperatures, one can expect
the phase transition with the formation of thromboid
mass. Intense thermal oxidative destruction of organic
compounds entering into the blood composition is
accompanied by the sticking together of lipid sheaths
of erythrocytes, denaturated proteins, fragments of
polypeptide chains, etc. The thermal decomposition of
newly formed structures results in the relaxation of
their polarization charge, which is associated mainly
with Maxwell-Wagner polarization [1].

The TSC spectrafor different blood groups are sim-
ilar; however, some of the peaks shift along the temper-
ature scale, vary in intensity, and even change sign
(Figs. 2a-2f). For example, the high-temperature peak
shifts toward lower temperatures with increasing group
number. It liesat 115-118 (group 1), 108-110 (1), 98—
100 (111), and 95-97°C (1V).

The above effects are likely to correspond to spe-
cific life cycles of the organism. Reversible biochemi-
cal processesinvolve positive and negative ions, aswell
as positive and negative potentialsin the double el ectri-
cal layer around blood cells[16]. According to physio-
logical factors (blood pressure, muscular activity, the
presence of stimulators in the organism, etc.), the con-
centrations of various ions and the potential distribu-
tions may change, thereby affecting the parameters
responsible for the electret effect. Small peak intensi-
ties may a so indicate variations in the dipole moments
of the blood components when a number of biochemi-
cal reactions fluctuate about equilibrium. A change in
the high-temperature peak polarity for blood samples
taken from the same donor during a day has been noted
(Figs. 2d, 2e)—this phenomenon is yet to be under-
stood. Note also that, in each of the experiments, the
intensities and polarities of the TSC peaksvary in adif-
ferent manner.

CONCLUSION

Thus, the TSC method providesinformation on such
an important biological object as blood. With this
method, it was established that human blood exhibits
the electret effect due to the coordination of the super-
molecular structure of its components. Our interpreta-
tion of the effect is based on the ability of complex
organic molecules, including biopolymers, to show the
electret properties, which follow from their specific
complex chemical configuration. The data obtained
may indicate that the electret effect in blood is both a
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function of biochemical processesin the human organ-
ism and afactor that initiates them.

We believe that the TSC method might become a
simple yet informative blood diagnostics tool. To fully
exploit its potentialities, it is necessary to gain more
experimental findings and perform complex medical
and physical investigation in the fields of hematology,
cardiology, physics, physical and biologic chemistry,
etc. Therefore, it will be the further aim of the authors
to refine the behavior of the parameters characterizing
the electret effect, in particular, to relate the effect to the
living conditions of a donor, its Rh factor, blood group,
Sex, age, etc., which is of great practical interest.
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Abstract—It is demonstrated that the sensitivity of the refractive method for detecting solution—solution inter-
faces can be increased by optimally choosing theratio of the outer and inner capillary diameters. © 2001 MAIK

“ Nauka/Interperiodica” .

The method for detecting electrolyte interfaces in
transparent glass or quartz capillaries of a constant
cross section (outer diameter 1.0-1.6 mm, and inner
diameter, 0.5-0.8 mm) dates back to early in the 1970s
[1]. A capillary with solutions was centrally located in
aparalel beam of white light cut by a0.3- to 1.8-mm-
wide dlit with sharp rectilinear edges. The “image”
(resulting optical field) observed on the screen placed at
adistance of 4-20 cm behind the capillary represents a
series of rectangular contours. Their width is propor-
tional to the refractive index of the solution in a given
site of the capillary [2]. Each rectangle is filled by
straight light lines parall €l to the outer contour and con-
centrating near the axis. The outer contour and theinner
lines consist of colored bands. A narrow-band transmis-
sionfilter makesit possibleto observethe patterninthe
corresponding color. As the capillary—screen distance
increases, the rectangles widen, the inner line spacing
grows, and the image quality degrades. Figure 1 shows
an example of the“image” of a solution—solution inter-
face.

Thus, the method makes it possible to visualize the
interface in a transparent capillary provided that the
solutions have different refractive indices. There are
many alternative methods for detecting theinterfacesin
capillaries [3]. The advantages of the method proposed
are as follows. First, the method is sensitive to the
refractive index—the property inherent in any solution
(hence, itsgeneral applicability). Second, the method is
“extended” in that it simultaneoudly detects al the
interfaces inside a capillary and gives a chance to
observe the process of separation, unlike point meth-
ods. However, its sensitivity is low. If the width of the
capillary “image” isto be measured with an accuracy of
0.1 mm, our optical method is applicable for solutions
with a concentration ranging from 0.1-0.2 mol/I to sat-
uration. Most point methods for detecting interfacesin
capillaries are good at concentrations of 0.001 mol/l or
even lower. Therefore, it is expedient to improve the

sensitivity of the refractive method, which was the pur-
pose of thiswork.

An LGN-208A laser with a wavelength of 0.63 um
was used as a light source in our experimental setup.
The beam was telescoped in the horizontal direction by
a combination of short- and long-focus cylindrical
lenses. The width of the horizontal optical dit could
manually be varied from 0.5 to 2.0 mm. A micrometer
screw allowed the vertical adjustment of the optical
knife, placed in front of the capillary at a distance of
0.3 mm. The distance from the capillary to the screen
was no less than 5 cm. Substituting a laser for a white
light source (with or without acolor filter) isnatural for
to day’s experimentation. Having passed through the
second lens, the laser beam represents a ~20-mm-wide
stripe with the intensity decreasing at the edges.

The optical-knife screening of the upper half of the
capillary makes only the lower part of the image acces-
sible for observation. This means that imaging beams
cross the optical axis between the capillary and the
screen. We used a graphical approach in terms of geo-
metrical optics to construct an image. Assume that the
capillary ismade of glasswith arefractiveindex of 1.50
and filled with distilled water with arefractive index of
1.330. The refractive index of surrounding air is 1.000.

B aaakiiiiaiiad
T ———e it T

— i il i S r- .-—--.--n_... ——

Fig. 1. Negative image of a capillary filled with solutions
with different refractive indices.
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Fig. 2. Beam trgjectoriesin the capillary filled with distilled water and in surrounding air. Shown are the angles of incidence on the

outer wall of the capillary.

Beams I-VII in Fig. 2 cross the axis after leaving the
capillary and, hence, form the image. The ratio of the
outer diameter D to the channel diameter d, D/d = 2.00
(see Fig. 2), istypical of earlier practical applications.
The plot of the angle of departure of the beams versus
their angle of incidence exhibitsamaximum (curveain
Fig. 3). It is seen that the maximum of 7.1° is achieved
at the angle of incidence 25° (beam VII). Thus, it is
clear that the beam with the highest refraction (VII)
forms the outer contour of the “image,” whereas the

¢, deg
50F

40

T
*

30

T
~

20

10

* b a
0 1 1
20 40 60

|
80 a, deg

Fig. 3. Graphically obtained plots of the angle of departure
(¢) versus angle of incidence () at the air—capillary inter-
face for distilled-water-filled capillaries: (a) D/d = 2.0, n =
15; (b) D/d = 2.857, n = 1.5; (c) D/d = 1.538, n = 1.5;
(d)D/d =133, n=15; (¢) D/d = 1.538, n = 1.4; and
(f) D/d =1.396, n= 1.5.

other beams with angles of incidence of 0°-38° fill the
inner area up to the axis. The beam with an angle of
incidence of 38° (not shown in Fig. 2) leaves the capil-
lary paralel to the axis. There are two groups of beams
with angles of incidence of 0°-25° and 25°-38°. The
beams of either group occupy the entire space within
the half-image under consideration. Thus, what we
observe within the image contour is interference
fringes.

To be certain that the above mechanism isvalid, let
us analyze the trgjectories of the other beams. The
beams with angles of incidence of 38°-44° (the
extreme beam is beam V in Fig. 2) are deflected from
the axis and do not take part in imaging. The beams
with angles of incidence of 45°-49° experience total
internal reflection at the glass—water interface. The
beams with angles of incidence of 50°-90° travel only
inside the glass and, being deflected by angles exceed-
ing 38°, do not take part in imaging.

Note that, in addition to the beams refracted, we
must consider the reflected ones, since there are four
interfaces between the media with different refractive
indices. The beams reflected from the outer wall of the
capillary (one of them isshownin Fig. 2 for an angle of
incidence of 50°) do not form the image. Let usturn to
the beams reflected from the second (glass—water)
interface to the glass. If the angle of incidence of such
abeam rangesfrom 46° to 48°, the beam leaves the cap-
illary at the “appropriate” angle and takes part in imag-
ing (e.g., beam VII in Fig. 2). However, the image is
formed mainly by the beams refracted into the water
channel. To prove this, we carried out experiments in
which the capillary wasfilled by water with a high con-
centration of black ink instead of by distilled water. The
image did not form.

Now let us consider the effect of the refractive index
of the capillary liquid on the width of the image. The
beam that forms the outer contour of the image leaves
the capillary filled with water at the maximum angle of
7.1° (beam Vllain Fig. 2). If the capillary isfilled by a
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transparent liquid with a refractive index of 1.340, this
angle increases to 8.0° (beam V1Ib). Experiments indi-
cate that the image width does increase in the latter
case[2].

Let us introduce the notion of the sensitivity of the
refractive method (s). We define the sensitivity as s =
An/Ah, i.e., as the difference between the refractive
indices of two liquidsfilling the capillary (An) when the
difference in the widths of the corresponding images
(Ah) equals 1 mm at a capillary—screen distance of
5cm. We can easily obtain the sensitivity from the
above graphical data: s = n/2L(tan8.0°—tan7.1°) =
0.0065 n/fmm. Here, L = 5 cm is the distance to the
screen. The sensitivity of a conventional detector with
D/d = 1.8iss=0.007 Ymm [2] (for simplicity, s will
be expressed in /mm).

A decrease in the ratio D/d increases the sensitivity
of the refraction method. The angle of departure versus
angle of incidence plots for distilled-water-filled capil-
laries made of the material with a refractive index of
1.50 retain the peaks up to D/d = 1.39, and the height of
the peak grows (Fig. 3). Specificaly, the maximum
angles of departure are 17.5° and 27° for D/d = 1.538
and 1.396, respectively. The graphical determination of
the sensitivity for the latter ratio of the diametersyields
the value 0.001 /mm, which is 3.5 times higher than
that for D/d = 2.0. The peak in the plot disappears when
D/d decreases to 1.33 (curve d in Fig. 3). In this case,
the image of the capillary forms in a different way.
Experiments show that the outer contour of the image
represents a 10-mm-wide noisy fringe at a distance of
5 cmto the screen. Therefore, such acapillary isintrin-
sically inapplicable for our detection method.

It is evident that there must be a curve between
curvesfand din Fig. 3 that hasno peak and tendsto sat-
uration on theright of the figure. Here, the sensitivity is
the highest provided that the ratio D/d is properly
chosen.

It was found that the variation of the refractive index
of the capillary from 1.4 to 1.6 leads to minor changes
in the ratio D/d at which the peak disappears. Thisis
illustrated with curves ¢ and e in Fig. 3, which were
obtained for the same ratio D/d = 1.538 but different
refractive indices of the capillary (1.50 and 1.40,
respectively).

Chernov et al. have elaborated the approximate the-
ory that accounts for the peak in the angular depen-
dence [4].

Capillaries used for optical detection of the inter-
faces are produced by rapidly drawing a heated tube
having the required ratio of the diameters (apparently,
some similarity principle sets in). No additional pro-
cessing of the capillary wallsis needed.

It was mentioned that the beam that is deflected
through the maximal angle forms the outer contour of
theimage. Therefore, a greater distance from the capil-
lary to the screen could increase the sensitivity of the
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Fig. 4. Experimental plot of the capillary image width ver-
sus ratio D/d. The capillary is made of glass and filled by
water. The distance from the capillary to the screenis5 cm.

detection method. In practice, however, theimage qual-
ity degrades at large distances. Moreover, when the
screen is 70 cm distant from the capillary, the outer
contour and the adjacent fringes by themselves consist
of more closely spaced interference fringes. Thus, we
must choose the distance optimal in terms of sensitivity
and amethod of measuring theimage width. This prob-
lem callsfor further investigation.

The following experimental fact has aso found
explanation. The image of a water-filled capillary dis-
appears if it is placed into a water-filled plane-parallel
transparent cuvette for thermostatic control. The graph-
ical analysis similar to that for the capillary with D/d =
2.0 shows that the beams refracted at the capillary—
thermostat water interface are deflected up from the
optical axis and give no peak in the associated curve.
Consequently, the image of the capillary with the solu-
tion on the screen isabsent. Thisholdsfor therefractive
index of the capillary wall from 1.4 to 1.6. Thus, ther-
mostatic control in capillary separation methods using
the detection technique proposed should be provided
by agasflow (see, i.e., [9]).

The results of the graphical analysis agree well with
experimental data. Figure 4 shows an experimental plot
of the capillary image width versus D/d for distilled-
water-filled capillaries and the capillary—screen dis-
tance 5 cm. The scatter in the data points is apparently
related to a possible difference in the refractive indices
of the capillary glasses.

In the above considerations on the image formation,
we dealt only with the ratio D/d without regard for the
smallness of the capillary diameter. This meansthat the
peak in the angular dependence does not depend on the
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outer diameter provided that the ratio D/d is appropri-
ately chosen and the beam width is larger than D. For
this effect to be observed in large-diameter tubes, the
optical uniformity of the material must be high. In
drawn capillaries, high uniformity is provided in a nat-
ural way, as demonstrated with specially selected glass
tubes with a diameter of about 2.0 mm.

In the case of spherical symmetry, we would have a
thick-wall sphere filled by water. [llumination of the
sphere with an appropriate ratio of the diameters by a
plane monochromatic beam will allow the observation
of Newton rings obtained in such an unusual manner.

CONCLUSIONS

(1) The outer contour of the “image” of awater- or
solution-filled capillary is formed by the beam
deflected from the axis by the largest angle. Therefore,
the width of the capillary image is proportional to the
refractive index of thefilling liquid.

(2) The sensitivity of the method can be improved
four- or fivefold (with the image width measured with
the same accuracy) if theratio D/d is optimal.

(3) The sensitivity of the method can additionally be
increased by using acapillary material with arefractive
index of 1.4.

(4) Refraction playsthe decisiverole in forming the
capillary image. Therefore, the term “refractive detec-

GORSHKOV et al.

tor” (instead of the earlier “ diffraction detector”) seems
to be more appropriate for the associated device.

Recall that our method is aversatile and “ extended”
technique to observe interfaces capillary separation. It
will be competitive with the alternative techniquesif its
sensitivity isimproved.
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Abstract—In [1], for computer simulations of salt crystal growth from biological fluids, the so-called T-model
was put forward. Thismodel was used to describe the crystal growth under different conditions[1-5]. However,
our independent investigation indicates that the conclusions obtained with the T-model are not confirmed. The
effects observed are related to mistakes in the algorithm. © 2001 MAIK “ Nauka/| nterperiodica” .

Methods for investigating structures formed by salt
crystallization from biological fluids (plasma, lymph,
saliva, etc.) have found increased application in medi-
cal diagnostics over the past few decades, because they
are simple and provide much information. In addition,
they are suitable for proximate examination of large
groups of population.

In diagnostics, rapid (for 2—4 h) drying of samples
isusually applied. In this case, salt crystals precipitate
as grains or dendrites, and the biological fluid itself
forms a complicated lobed structure.

In the absence of biological components, the growth
of salt crystals is simulated in the framework of the
t-model [1, 2]. The model was aso employed to
describe two-component media. It characterizes cyclic
changesin dendrite shape (kinetic recurring phase tran-
sitions) [3, 4]. A smplified version of the T-model was
used to describe self-similarity [5].

However, our investigations did not confirm the
conclusions obtained in its framework. The effects
observed are related to mistakes in the algorithm.

Consider a thin layer of a supersaturated common-
salt solution on a substrate. In the direction perpendic-
ular to the substrate, the variation in the salt concentra-
tion is assumed to be negligible. Then, the salt concen-
tration obeys the diffusion equation

aC @°C . 0’

= = DE—+ = @)
ot Doz oy

where C is the salt concentration in the solution and D

is the diffusion coefficient.

To solvethis equation numerically, it is necessary to
set initial conditions, boundary conditions, and a com-
putational scheme. At the initial time instant, the solu-
tion concentration in the interior is assumed to be con-
stant and equal to 1.1C,, where C, isthe saturation con-
centration of the solution.

There exist a number of ways to set boundary con-

ditions. Since in [1] boundary conditions are not con-
sidered, we will briefly analyze them. If the size of a

region for which calculations are performed were equal
to that of crystallizing droplet, then the zeroth solution
concentration at the boundary would be a natura
boundary condition. In [1], simulation is carried out in
the region with linear dimensions of 102 cm, which is
two orders of magnitude smaller than the actual system
being smulated. If we assume that this region is iso-
lated, then, for a given supersaturation of the solution,
the volume of a grown crystal will be about 2% of the
entire solution volume. Since our region constitutes
only asmall part of the entire system, it is reasonableto
set afixed concentration or afixed flow at the boundary
of the region. The latter condition means that the sur-
roundings have a higher solution concentration and,
with time, would lead to a rise in the concentration in
the region under consideration. Therefore, the most
adequate boundary condition isaconstant solution con-
centration equal to that in theinterior at the initial time
instant.

When a crystal nucleates in the solution, the mass
conservation law must be fulfilled at the liquid-solid
interface. This resultsin the following boundary condi-
tions [6]:

0C
T

= (p-C)V,

where 0C/dn is the derivative along the normal to the
interface, p is the sat density, and V is the crysta
growth rate.

Taking into account the expression for growth rate
[6], we have

oC _ (P=C)(C-Cy)

Dan p

B, )

where 3 isthe kinetic coefficient of crystallization.

To numerically solve Eg. (1), we apply the finite-
difference method and an explicit two-layer symmetric

1063-7842/01/4605-0627$21.00 © 2001 MAIK “Nauka/Interperiodica’
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Table
Growth rate V4 in the
Crystal growth rate | Time (L/V) theliquid-|  [100Tdirection, cmis LIVy, s
B.omis |, _ C_COB cys| lidinterfacetakesto
- ’ travel adistancel, s computer computer
datafrom [1] experiment datafrom [1] experiment
1 1.6 x 107 6.1x10°3 1.1x10°3 8.9x1073
10 1.6x10° 6.1x107 7.5x 10 1.3x10%
1072 1.6x 10 6.1x 1071 3.1x10% 3.2x 101
10 1.6x10° 6.1x 10! 9.26 x 10 48x10° 1.108 2.1x10t
107 1.6x 1077 6.1x10° 4.06 x 107 4.9 x 107 0.246 2 x 107
106 1.6x 1038 6.1x 103 8.9x10° 49x%x10° 1124 2x 103
scheme with equal steps L along the spatial coordinates  the form
and atime step T: . .
T+1 T 1 1 T | = m = (p_Ci'j)(Ci’j_CO)B
Cij =Cij - ppeieni=2C* Gy L%t P
T O L2

+CiT,j+1—2CiT,j +Cir,j—1EL
L? O

Having rearranged the terms and multiplied both
sides by L, we obtain the expression for flow of matter
inside the liquid:

m D

I = E = E((CiT+1,j_CiT,j)+(Cir—l,j_CiT,j)

+(Clj+1=Ci)) +(Ci -1 =Ci ).

At the interface, the expression for the flows takes

(a) (b)

(©)

Fig. 1. Crystal shapes at the kinetic coefficients 3 = (a) 1072
(quasi-equilibrium regime; the crystal shape does not
change at lesser B), (b) 107%, and (c) 10 cm/s.

The above difference scheme is completely coinci-
dent with that used in [1] in view of the corrections
made in [3]. The only difference is that, in [3], it is
referred to as a method of diffusion fluxes. This differ-
ence scheme is stable only under the condition [7, 8]

L2
=D’

which renders it unfeasible. In practice, such problems
are solved with implicit schemes. Nevertheless, we
applied just this scheme to be able to compare our
results and those obtained in [1]. Thetime stepin[1] is
twice as large as the limiting value, which casts doubt
on theresults obtained in that article. In addition, when
calculating the variation of the salt concentration in a
mesh, the authors of [1] mistakenly assume that if the
mesh has three neighbors with the same or a greater
concentration, the salt mass lost by any of them for a
period T isequal to ILt/3. However, it is easy to check
that such a quantity of the salt leaves the mesh for 1/3.
If any mesh at any time step had the same number of
neighbors with equal concentrations, this error and the
improper choice of the time step would merely com-
pensate each other, making the computational scheme
stable. Actualy, however, different meshes have a dif-
ferent number of neighbors at various time steps.
Therefore, once one step of the calculation has been
completed, the states of different meshes will corre-
spond to different time steps.

For the parameters used in [1], the crystallization
process is quasi-equilibrium; i.e., the solution concen-
tration has time to fit a new position of the interface.
Indeed, the relaxation time, T, = L%/D is on the order of

1023 s, whichisat least two orders of magnitude smaller
than the characteristic time of crystal growth (see
table). Thus, the statement that the crystal growth is
simulated under nonequilibrium conditions has little

TECHNICAL PHYSICS Vol. 46
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force. The quasi-equilibrium growth of crystalsis char-
acterized by the skeleton rather than by the dendritic
form [6]. The formation of dendrites is due to growing
instabilities when a crystal deviates at random from its
equilibrium shape. Since a random deviation in the
framework of this model is impossible and instability
mechanisms are not involved, there are no apparent rea-
sons for dendrites to appear. Our calculations are
showninFig. 1. Both in the kinetic (quasi-static) and in
the diffusion regimes, only the skeleton crystals are
observed.

The data in the table are again evidence that the
results obtained in [1] are invalid. The table compares
our theoretical estimates of the crystal growth rate with
the results from [1]. The crystal growth rates obtained
in [1] exceed those of the theoretical estimations and
numerical simulation by several orders of magnitude.
Our calculations were performed for the same parame-
tersasin[1]: C,=0.36 g/cm®, p=2.2g/cm3, D =1.5 x
105 cm?/s, and L = 10 cm.

In [3], st crystal growth in the presence of a pro-
tein (albumin) is simulated. The kinetic coefficient of
crystallization and the relative supersaturation are
assumed to be equal to 2.2 x 103 cm/s and 0.9, respec-
tively. With reference to [1], it is argued that it is these
values of the parameters that correspond to the growth
of skeleton salt crystalsin the absence of the protein. In
[1], however, the relative supersaturation used was 0.1
and the skeleton shapes were observed at the kinetic
coefficient of crystallization 10 cm/s. At greater val-
ues of the coefficient, the crystal had the dendrite
shape. Thus, the results obtained by the same authorsin
the framework of the same model are in obvious con-
flict. In addition, the value 0.9 of the relative supersat-
urationisopento question. In[3], it is supposed that the
concentration of the protein and its transition to the gel
phase are governed by diffusion equation (1) and
boundary condition (2) with the appropriate diffusion
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coefficient. If there were two different saltsin the solu-
tion, such a transition would be possible. However, it
can hardly occur in a salt—protein system. Nowadays,
the percolation theory is commonly accepted in
describing the process of gelatination (see, for exam-
ple, [9]).

Thus, our independent verification does not confirm
the main data obtained in [1-5], which resulted from
the improper computational algorithm.
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Abstract—A numerical method for estimating the order of angular focusing, which isamost important param-
eter of electron-optical systems, is proposed. The method is based on the determination of the value of the cor-
relation between a power function and a function of charged-particle entry angle, the latter being constructed
by analysis of trajectories. The method is verified for systems admitting analytical solutions. © 2001 MAIK

“ Nauka/Interperiodica” .

The order of focusing is a parameter of major
importance for electron-optical systems. For instance,
this parameter determines the value of spherical aberra-
tions for electron lenses, aswell as specifies the degree
of contradiction lying in the requirement of simulta-
neously achieving high resolution and transmission in
mass and energy dispersion analyzers.

In contrast to analytical methods, numerical tech-
niques make it possible to study systems that are very
close to rea ones. Our numerical method of search for
higher-order angular focusing may be considered as an
extension of the method reported in [1, 2]. In these
papers, it is shown that the condition of Nth-order
focusing for the central angle of entry o, is given by

8n(0to) = R™(ap)t'(ao) = R'(ap)t™(ap) = 0, (1)

wheren =2, 3,..., N; a istheinitial angle of motion;
R(a) = y(a) + x(a)t(a); t(a) = tan(y); and x(a),
y.(0), and y(a) are the coordinates and the angle at
which a particle escapes from the field gradient region.

However, numerica simulations of higher-order
derivatives (n > 2) cause large errors. Therefore, the
function §,(a) cannot be calculated with a required
accuracy.

In practice, this method has proven to be effectivein
searching for second-order focusing and inappropriate
for higher-order focusing. Thus, the problem of
adaptating the method to search for conditions of
higher-than-second order focusing arises. Having intro-
duced the function

F(a) = R'(a)t'(a) —R(a)t"(a), )

we can recast the condition for (N + 2)th-order focusing
as aset of the equalities

Fa,) =0, n=0,1,2,..,N. ©)

The Taylor expansion of the function F(a) in the
vicinity of a, iswritten as

F(a) = F(ap) + F'(ag)(a —ay) + (V2)F"(ay)
X (0 =0g)+ ... + (UNDF™M(ag) (o —ag)V + ...
Inview of (3), for (N + 2)th-order focusing, we have
F(a) = 1/(N+ 1) F" P(ag)(a—ag**
+1/(N+2)IFN* 2 () (o —ag)V 2+ ...

Since F(a) given by (2) isaresult of numerical sSim-
ulations, this function is the superposition of the true
values and noise. Therefore, it isreasonable to consider
it as arandom function of the nonrandom argument a.
Let S*(a) denote the function defined by (4). It isclear
that

(4)

S (a) = U/(N+ 1) FN* Dag)(a—a) .

We assume that S*(a) is aso a random function
with negligible noise and /(N + 1)!F(N*Y(ay), a non-
random factor. It is clear enough that the functions F(a)
and S*(a) are correlated in the case of (N + 2)th-order
focusing.

The normalized mutual correlation function [3, 4] is
used to estimate the dependence between the sections
of two random functions. Since the normalized mutual
correlation function does not change when a random
function is multiplied by nonrandom factors, it is suffi-
cient to study the correlation between F(a) and Sa) =
(a —ag)N*1in order to estimate the correlation depen-
dence between F(a) and St (a).

For adiscrete changeintheargumenta =a,, d., ...,
o, and the zero shift between the functions F, = F(q;)
and S =90, = (a; —agN*1 (i =1, 2,..., L), the nor-
malized mutual correlation function is given by

po(N) = Red/(KeKg)™?, (5)
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where

Res = 1/LZ(Fi—|E)(S1—S),
i=1

L

L
Ke = ULY (F-F), Ks= ULY (§-9,
i=1 i=1

L

L
F=1LSF, S=1LYS.
2" 2,

The higher the degree of correlation between the
functions F; and S, the closer p, to unity. Here, we con-
sider py asafunction of N, which defines the degree of
the corresponding polynomial.

The technique of searching for higher-order focus-
ing is as follows. In accordance with the method in
[1, 2], the angle of second-order focusing a, is deter-
mined by solving the equation F(a) = 0. Then, from
formula (5), the correlation between the function F(a)
(see (2)) and the power function S(a) = (a —ap)™*tis
estimated for consecutively varying m =0, 1,..., M,
where M is the upper bound of search that meets a par-
ticular application. Finally, we determine the value of
N(O < N < M) for which po(N) = max{ p(0), po(1), ...,
Po(M)}. The closeness of py(N) to unity will indicate a
correlation between F(a) and S(a) = (o —ag)N*L, i.e,
the existence of (N + 2)th-order focusing. Practically,
the values of M = 10-20 are found to suffice.

In order to avoid large-number manipulation, one
should normalize the function Sa) = (a — ag)N*?! by
dividing by the factor (0, — i)V * 2.

Formula (4) implies that, for high orders of focus-
ing, F(a) is close to zero in awide range of a. There-
fore, spurious roots of the equation F(a) = 0 may
appear, since F(a) is noisy. In such cases, in order to
refine o, one should estimate the maximum value of
the mutual correlation function pg(agN) with respect to
two variables: central focusing angle and degree of
polynomial. Below, our method is verified for models
admitting analytical solutions.

Asisknown [5], acylindrical reflector has second-
order angular focusing at o, = 42°. The trgjectory anal-
ysisof acylindrical reflector by the technique described
in [6] shows that second-order angular focusing at oy =
42° takes place also in real devices with the edge field
corrected by three pairs of adjusting rings. The corre-
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sponding value of the normalized function of correla
tion between F(a) and (o — ap)™* * takes the maximum
value py=0.99at m=0.

An energy analyzer with three cylindrical electrodes
[7] provides third-order focusing with the central angle
0o = 40°. The normalized correlation function pg
reaches its maximum value of 0.97 at m = 1 when the
charged particle trajectories in an analytically defined
electrostatic field are calculated by the Runge—-Kutta
method. The focusing parameters coincide with those
obtained in [ 7] within the error of numerical integration
of the equations of motion.

The trgjectory analysis of a spherical mirror, which
provides perfect angular focusing at a = 90° [8], and
the estimate of the corresponding correlation function,
P, > 0.95 for the highest degree of the polynomial used
inthispaper (N + 1= 25) alow usto concludethat elec-
tron-optical systems with high-order focusing can be
studied by the technique described.

CONCLUSION

A correlation method for estimating the order of
angular focusing in numerical analysis of electron-opti-
cal systemsis proposed. It is tested for systems admit-
ting analytical solutions.
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Abstract—The results of an experimental study of the spatial structure of a high-voltage diffuse discharge in
a wire—plane electrode system are presented. Self-organization of the discharge current channels into regular
cellsis observed in the plane perpendicul ar to the electric field vector. The dependences of the structural param-
eters of the discharge in centimeter-sized gaps on the interelectrode distance are studied at air pressures within
the range 220-760 torr. Self-organization of the discharge structure is explained in terms of the electric inter-
action among charges of the diffuse channel heads during bridging of the gap. © 2001 MAIK “ Nauka/Inter pe-

riodica” .

High-voltage nanosecond diffuse dischargein centi-
meter-sized interelectrode gaps with a highly nonuni-
form distribution of the electric field is accompanied by
the generation of fast electron fluxes and associated
X-ray bremsstrahlung [1]. That is why this type of dis-
chargeiswidely used to preionize the active medium of
gaslasers[2] and efficiently clean air of organic pollut-
ants [3]. The generation of ionizing radiation can be
related to the channel or microchannel spatial structure
of the discharge [1, 4]. This stimulates further investi-
gations of the discharge structure.

Studies of the discharge showed that it had aregular
multichannel structure. The main dependences of the
structural parameters and mechanisms for the develop-
ment of the discharge on the discharge initiation mode
were determined [1, 4, 5]. However, the spatial struc-
ture of the discharge was detected in[4, 5] only by pho-
tographing the discharge from one side. Thus, only cur-
rent channel projections on the plane passing through
the wire cathode perpendicular to the anode were
detected. In addition, the dependence of the geometric
parameters of the current channels on the gas pressure
remained unknown.

The goal of thiswork was to describe the results of
studying the spatial structure of a nanosecond diffuse
discharge in the anode plane. The discharge was initi-
ated in air at a pressure of p = 220-760 torr.

A wireplane electrode system was used in the
experiments. The wire diameter was 0.2 mm and the
wire length was 120 mm. The length h of the interel ec-
trode gap ranged from 50 to 105 mm. Negative-polarity
voltage pulses with a pulse rise time of 8 ns and total
duration of 180 ns were generated at the wire cathode
using a power source. The voltage amplitude ranged
from 80 to 100 kV depending on the discharge initia-
tion conditions. The discharge current amplitude
increased from 20 to 860 A as the pressure and the gap

length decreased. The spatia structure of the discharge
was detected by photographing the discharge as a
whole and itsindividual regions. Another method of the
discharge structure imaging was based on the traces | eft
by the current channels on the anode coating. The dis-
charge was photographed using a Zenit E camera with
a Gelios 44-2 objective. The viewing angle was chosen
so as to provide simultaneous detection of the spatia
structure of the discharge and the distribution of the dis-
charge channels over the anode surface. The photo-
graphs were taken at a distance of 0.2-0.4 m from the
discharge. Anisochromatic film with the spectral sensi-
tivity boundary at 640 nm was used as the photosensi-
tive material.

The anode was coated with a fine-dispersion foam
material, carbon soot, or a commercial photoemulsion
impregnated with an electrolyte. It was found experi-
mentally that neither the general view of the discharge
nor its electrical characteristics were modified by the
presence of a detection coating on the anode.

Experiments show that carbon soot coating (with a
thickness of ~0.05 mm and dispersion of <4 ym) pro-
vides the most detailed information when detecting the
traces of discharge current channels. The channel trace
on soot had the shape of around imprint slightly differ-
ent in hue from soot. The imprint could be seen in the
reflected light. The silvery hue of the imprint was
caused by the large number of microchannels constitut-
ing the imprint [1]. However, the processing of traces
on the soot coating was rather difficult. Taking into
account that the experiments were repeated many times
because of the dtatistical scatter in the experimental
data, soot coating was used mostly in control experi-
ments and for studying the microstructural parameters
of the discharge. The results of these studies will be
published in a separate paper.

1063-7842/01/4605-0632%$21.00 © 2001 MAIK “Nauka/Interperiodica’
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A fine-dispersion foam material was used instead of
soot for studying the discharge microstructure. The
main advantage of this material over soot is the signifi-
cantly higher sensitivity to discharge current channels.
In addition to the main current channels, a foam layer
approximately 1 mm in thickness provided the detec-
tion of even hardly visible fragments. The resol ution of
the method depended on the material dispersion
(200 pm). We note that the material dispersion
increases gradually as the pressure decreases. For this
reason, at reduced pressure, this method was used only
to determine the number of current channels and their
distribution over the anode surface.

Experiments showed that the discharge consisted of
several separate diffuse channels distributed uniformly
along thewire cathode (Fig. 1). Such apatternistypica
of high-voltage nanosecond discharges in the wire—

plane gap [4, 5].

The mean number of the discharge channels
decreased from 36 to 14 as the gap length increased
from 50 to 105 mm. The number N, of diffuse discharge
channels was determined using the three methods men-
tioned above. Photographing of the discharge allowed
N, to be determined within the whole pressure range at
small values of the interel ectrode gap length h or within
the whole range of h at areduced pressure at which the
discharge glow intensity was sufficient for detection.
The number N, of diffuse discharge channels deter-
mined photographically was somewhat smaller than the
number N, determined by the trace method. A special
experiment combining the two methods showed that
this discrepancy was caused by the coincidence of pro-
jections of some channels on the photofilm. In some
cases, insufficient focusing of the channel images
caused an additional measuring error. The total error in
the number of channels determined by photographing
was 20-40%. The values of N. determined by the trace
methods on the soot and the fine-dispersion foam layer
were usually close to each other. The total error in the
number of channels determined by the trace method did
not exceed £5%; this error was caused by errorsin the
identification of traces. It was shown experimentally
that, a& most, one in every ten channel traces on the
anode coating could be due to artifacts (e.g., a dust
grain, a flaw on the soot surface, or a burst foam bub-
ble) rather than the discharge.

Experiments showed that the regular spatia struc-
ture of the discharge manifested itself not only as the
uniform distribution of the current channels along the
wire cathode, but also as self-organization of the dis-
charge channels into regular cells in the anode plane.
The traces of channels of a single discharge pulse on a
fine-dispersion foam layer areshowninFig. 2. Analysis
of photographs of the channédl structure at various h
showed that the channels in the anode plane were
arranged in hexagonal order in several rows symmetri-
cally about the cathode projection. An idealized pattern
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Fig. 1. Genera view of thedischargeath=74mmand p =
310 torr.

of the channel distribution over the anode surface is
shownin Fig. 3.

As the gap length h decreased from 100 to 60 mm,
the trace density increased. The number of rows
remained the same, but the number of channelsin each
row increased. The distance between the axes of the
outermost rows remained almost the same (25 mm). As
the gap length was further reduced to 50 mm, two addi-
tional outer rows of traces occurred; the distance
between the rows adjacent to the central row decreased
from 25 to 15 mm, while the distance between the axes
of the outermost rows became egual to 33 mm. Within
the gap length range 50 < h < 60 mm, the number of
detected channels increased with decreasing h faster
than within the range from 100 to 60 mm. We note that
the observed pattern of the discharge structure organi-
zation is consistent with the results reported in [4],
where a nonlinear dependence of the number of dis-
charge channels on the interelectrode gap length was
also observed.

Asthe gap length h increased from 50 to 80 mm, the
mean diameter of the channel decreased only dightly
from 1.1 to 0.9 mm. However, as the gap length
increased to 105 mm, the diameter decreased to
0.4 mm. The diameters of the channel tracesin the cen-
tral rows of the pattern were usualy larger than in the
outer rows. The reason could be that the channel length
increased with increasing distance from the cathode
projection on the anode (the channel length corre-
sponds to the length of the external field line [5]). This
caused an increase in the electrical resistance of the
channel and, therefore, adecreasein the el ectric current
through the channel.

The number of channels and their distribution over
the anode were almost independent of the pressure.
A decrease in the number of discharge channels was
observed only near the lower limit of the pressure range
under study. The reason could be that the discharge cur-
rent flowed partly through the visible regions of a dif-
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Fig. 2. Distribution of the discharge traces over the surface of an anode coated with athin layer of afine-dispersion foam material

(h =74 mm and p = 400 torr).

fuse glow observed at reduced pressure. Another reason
could be that the sensitivity of the methods used to
determine the number of channels became insufficient
as the current density decreased. For h = 74 mm, three
rows of traces were observed at al pressures. The dis-
tance between the axes of the outermost rows increased
from 25 to 40 mm as the pressure decreased from 1 atm
to p = 300 torr, whereas the mean channel diameter
increased from 1 to 4.5 mm.

The process of self-organization of the discharge
structure in the plane perpendicular to the electric field
is best explained in terms of the electric interaction
between the charges of the channel heads during the
bridging of the gap [5].

The heads of the channels emerging from the cath-
ode are at different distances from the anode because of
the statistical scatter of the start times and axisymmet-
ric distribution of the electric field near the wire (this
distribution determinestheinitial direction of the chan-
nels). As the distance from the cathode increases and
thefield strength determined by the electrode geometry
decreases, the superposition of the external electric
field and the field produced by the adjacent channels
becomes the main factor determining the propagation
direction of each channel. The dectric interaction

0000000
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Fig. 3. Idealized pattern of the distribution of channel traces
over the anode surface.

between the heads of the delayed channels and
quasineutral columns of the adjacent channels of
greater length results in the merging of delayed chan-
nels with adjacent channels [5]. Thus, the number of
channels is reduced, while the mean distance between
the channel sincreases and the distances from the anode
to the channel heads equalize. This slows down the pro-
cess of channel merging. The dependence of the num-
ber of channel traces on the anode coating on the inter-
electrode distance becomes nonlinear. The propagation
of the channels whose ends are approximately at the
same distance from the anode is accompanied by the
repulsion of their likely charged heads. As aresult, the
distribution of channels in the plane perpendicular to
the external electric field becomes regular.
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Abstract—The dependence of the free charge carrier concentration on light intensity is analyzed in two types
of crystals where photorefractive centers are either traps or donors. Conditions under which the dependence
becomes sublinear at relatively low light intensities are established. © 2001 MAIK “ Nauka/Interperiodica” .

Although studies on photorefractive crystals date
back to the 1970s, kinetic phenomena occurring in
them are still not fully understood. In particular, the
concentration of free carriers as a function of light
intensity in photorefractive crystals remains unclear.

Numerical calculations showed [1] that the recipro-
cal of the characteristic time of space charge grating
formation depends sublinearly on light intensity when
it exceeds a certain critica value. Note that, in
Bi,S0, (BSO) silicosilienite crystals, the sublinear
dependence arises even at small intensities. The authors
of [1] argue that their numerical data make it possible
torevisethe current theory of the photorefractive effect.

This circumstance makes us consider again the
dependence of the free carrier concentration on the
light intensity, since it is this dependence that causes
the sublinearity. The aim of thisstudy isto comparethis
dependencefor two typesof crystalsin order to directly
(without numerical calculations) find the sublinearity
conditionsin the operating range of light intensities.

We will use the basic model of a photorefractive
medium [2]. This so-called one-center model assumes
that a single energy level liesin the midgap of a solid.
Electrons are excited into the conduction band from
filled traps C- either thermally or under the action of
light of a certain frequency. Free electrons from the
conduction band may recombine with the empty
traps CO.

The time variation of the filled trap concentration is
described by the kinetic equation

AL = —(B+SHN"+yN'N,, ®
which was first applied to analyze the photorefractive
effect in [3]. Here, N~ and N° are the concentrations of
the C~and C° centers, respectively; B is the probability
of the thermal generation of free electrons; S is the
cross section of optical absorption; | isthe light inten-
sity in the crystal; y is the recombination coefficient;

and N, is the electron concentration in the conduction
band. The total concentration N of photorefractive cen-
ters during the process remains constant:

N = N +N° 2

From Eg. (1), it follows that the concentration of
free carriersin the stationary state (0N/0t = 0) is deter-
mined by the expression

- N _B+So
Ne—NOn 81— v ©)

Since N~ denotes the concentration of the bound
negative charge, the electroneutrality condition
requires the positive charge to be present in the
medium. Consequently, a possible physical model of a
photorefractive crystal should involve the existence of
photorefractive centers with a concentration N and
other positively charged centerswith aconcentration N,
(type-1 crystals). The latter are inactive and do not par-
ticipate in light-induced kinetic phenomena.

At B =1 =0, the free charge is absent. In this case,
N-= N, and N° = N — N... Since the quantity N, does not
change, the appearance of N, under illumination (I # 0)
means that N~ decreases and N, simultaneously rises
exactly by the same quantity N.. Substituting N-= N, —
N, and N = N — N, + N, into (3) yields the quadratic
equation for Ng:

NZ+ (N=N,+n)N,—nN, = 0. (4)
Hence, we obtain
N,
Ne - N _ Ncn, (5)
whichisvalid at small n satisfying the inequality
(N=No)*
n<2(N+NC)' (6)

1063-7842/01/4605-0635%$21.00 © 2001 MAIK “Nauka/Interperiodica’
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At large n obeying the condition
n> 2(N+N.), @)
Eq. (4) provides
Ne™ = Ne. €S)
The N, vs. | graph is a curve originating from some
value of N (at | = 0) and linearly rising in a certain
interval of |. Further, the rise slows down and the curve

asymptotically tendsto N;™.

There exists another possible physical model of a
photorefractive crystal. Instead of traps, this model
deals with photorefractive donor-type centers with a
concentration N. In such a crystal (type-2 crystal), a
fixed negative charge N, is present. It appears when
some donors donate their electrons to acceptors. The
equal positive charge N* is on ionized donors. Under
illumination, thermally excited free carrierswith acon-
centration N, appear. For this model, the kinetic equa-
tion can be written in the form

IN*
at

From (9), we obtain the expression for the concen-
tration of free carriersin the stationary state:

_ N=N"
= —n.
N
Substituting the quantity N* = N, + N, into (10), we
come to the quadratic equation for N,. Its coefficients
are expressed through the parameters of the medium
and light intensity:
N2+ (N, +n)N,—n(N-N,) = 0. (11)

Itisseen that, at small values of n satisfying the ine-
quality

= (B+SI)(N=N")-yN"N,. 9)

Ne

(10)

N?

n< é'('z'ﬁ?@ (12)
N, is proportional to the parameter n:
N, = N &CNCn. (13)
Inthecase of largen, i.e., at
n> (2N-N,), (14
the concentration N, tends to its maximum:
Ne™ = (N=N). (15)

Equations (4) and (11) coincide only if N, = 1/2N.
In this particular case, the behavior of N, as a function
of | istotally independent of whether the photorefrac-
tive centers are traps or donors. An example of such a

GUSAK, PETROV

crystal is a lithium niobate crystal doped by iron to
~1072%. This crystal has the following parameters [4]:
N=6.6x10m3 N, =33x10%m3 B=1s? S=
6.2 x 10° m?/J, and y = 107> m®/s. For this case, ine-
qualities (6) and (12) yield

| < 10" w/m®. (16)

Hence, we see that the range of | where the linear
behavior of N, takes place is much wider than the oper-
ating range of light intensities, i.e., | ~ 10* W/m?.

At N, # /2N, Egs. (4) and (11) do no longer coin-
cide and their solutions may significantly differ.
From (12), it followsthat, at N. < N, the bound of ine-
quality (16) shifts to much lower values, whereas (6)
raises it only insignificantly. As N, decreases as com-
pared to N (the concentration of photorefractive centers
is usually in the range 10%-10% m3), this boundary
may approach the operating range of | for the type-2
crystals. The type-1 crystals remain linear under these
conditions.

To illustrate the aforesaid, consider type-2 BSO
crystals, for which typicaly [5] N = 102 m=, N, =
0.95x102?m3 B=1s?,S=1.06x10°m?/J, andy=
1.65 x 107" m3/s. Let usfind arange of | where the N,
vs. | dependenceislinear. According to (12), n must be
much lessthan 2 x 10 m=3, Thismeansthat (B + 9 ) <
33s?. Thevauel = 10° W/m? does not satisfy thisine-
quality. Strictly speaking, even the first term in the
above inequality does not meet it. Having refined ine-
quality (12) in view of this, we find that the N, vs. |
dependence is linear at | < 10* W/m?. Thisisin exact
agreement with numerical resultsin [1].

It isimportant to find a quantitative test for the devi-
ation of the concentration N, from itslinear approxima-
tion. For this purpose, the quantity

CNL—N,

= = (17)
N, — Nq

where N isthe linear approximation of N, is conve-
nient.

We will proceed from the rigorous solution of
Eq. (112):

N, +n
Ne = —%
(18)
N 1+2(2N—Nc)n[1+ n |
2 NZ 2(2N—N,)

At small values of n, theterminvolving n and stand-
ing in brackets is negligible. Then, this solution can be
represented as

N.+n N /p+1 1n
= =+ = (= o
Ne 2 2 p 1 p+1ny’ (19)
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where
_ N
P = 3eN-N)n,

Here, nyand n, arethe constant and linear (in I) compo-
nents of n, respectively.

We are interested in the range of small I, where the
sublinearity occurs. Expanding, Eq. (19) in terms of a
small parameter proportional to |, we obtain, to second-
order accuracy,

1 n

n
“mprnamn, O 2P TR @)

It is seen that the difference between the actual and
linear dependencesis proportional to the light intensity
itself.

It is convenient to represent relationship (21) in the
form of the dependence 1(n). Taking into account the
smallness of m (for BSO, m=5 x 10%), we have

- 4(p+1)B
| = 3 n.

This expression makes it possible to directly deter-
mine the light intensity that corresponds to a preset
value of n for any type-2 crystal.

According to (22), the light intensity is a parabolic
function of N. It isminimum, 1., = 438S™'n, at p=0.
For small p, arisein | isdightly affected by anincrease
in N.. For example, at N. = 2,/Nn,, only the twofold
growth of 1, is observed. Further increasing N, how-
ever, resultsinasharpriseinll.

Let us turn to the BSO crystal again. According to
(20), toit, p=37 and | = 1.4 x 10° W/m?, there corre-
sponds n = 0.01 (for such I, the difference between N,
and its linear approximation is 1%). Note that expres-
sion (22) is also appropriate for greater values of n
(however, in this case, the associated value of | may be
inaccurate). For example, atn =0.1, | = 1.4 x 105 W/m?,

(20)

n

(22)
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while the true value, | = 1.75 x 10°® W/m?, calculated
from exact expression (19) is 25% greater.

Expression (22) also allows us to make quantitative
estimations when the values of N and N, differ from
sample to sample. From (20), a decrease in N, by an
order of magnitude (N remains the same) leadsto p =
0.37 in the case of BSO. For such a sample, the value
of n = 0.01 would be attained at | = 5 x 10° W/m?,
which is higher than |, only by 37%. However, an
increasein N, by one order of magnitude causes| torise
by two orders of magnitude. For example, if N.= N (as
for lithium niobate), | increases by six orders of magni-
tude.

If the photorefractive centers in BSO were traps
rather than donors, then, according to (6), the linear
behavior of N, would be observed in an extremely wide
range of | that satisfies inequality (16).

Itisof interest that, at N. = N—a (wherea < N), a
situation may arise when the type-1 crystals rather than
the type-2 ones exhibit a sublinear N, dependence at
comparatively small light intensities.
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Abstract—Radial flows of carbon particles from the interelectrode gap of an arc discharge in modes optimum
for production of fullerenes are measured. From the experimental data conclusions are made concerning trans-
formations of the carbon particlesin agas-plasmajet. © 2001 MAIK “ Nauka/lInterperiodica” .

1. Arc discharge between graphite electrodes in a
helium atmosphere is the most simple and effective
means of producing fullerenes, but the scale of experi-
mental studies of this kind of discharge is still inade-
guate [1-5]. Itisknown that in ausual high-current arc
discharge at pressures close to normal, a strong axial
plasmaflow arises as aresult of both thermal processes
and theinherent magnetic field of thearc [6]. If the sep-
aration between electrodesis small, thisflow can trans-
forminto afanlikejet exiting theinterelectrode gap [7].
In the case of a fullerene arc carbon atoms vaporized
from the anode are present in the jet. In the exiting car-
bon vapor, transformations of carbon atoms into
fullerenes, associates, nanoclusters, aggregates, and
soot particlestake place [8]. In thiswork, we attempted
to obtain data on these transformations using carbon
collecting probes.

2. The arc was burning between two vertical graph-
ite electrodes 6 mm in diameter in acylindrical vacuum
chamber 180 mm in diameter. Most of the measure-
ments were carried out in a mode optimum for produc-
ing fullerenes: an arc current of 70A, ahelium pressure
of 60 torr, and an interelectrode separation of 4 mm.
Around the arc, at different distances r from its axis,
carbon-collecting probes consisting of tungsten wires
of adiameter of 2a=1.5 mm and alength of L =60 mm
were arranged paralld to the arc axis. After the termi-
nation of the arc, the weight m(r) of the soot deposited
on the probes and the total weight m, of the carbon that
exited the interelectrode gap of the arc discharge were
determined.

3. Deposition of amaterial onthe probein agasflow
isusually characterized by a capture parameter £(r) [9],
which is the ratio of the material flow to the flow of
material particles in a rectilinear path. The capture
parameter of a probe is given by formula €(r) =
(m/my)/a/Trr, where a is the probe radius.

Ascarbon from the arc is deposited on the probe, its
effective diameter increases. Figure la shows varia-
tionswith time of the maximum probe deposit diameter
D, Which was determined from probe pictures taken

in the burning arc. It is seen that for times of t <3 min,
the experimental data can be approximated with a
straight line. The lack of coincidence of the probe
diameter extrapolated to t = O with the initial probe
diameter (for r = 12 mm) ispossibly dueto the highini-
tial erosion in the arc. Variation of the shape of depos-
ited carbon layer with timeisinsignificant (Fig. 1b). If
the jet boundary is defined as a half-width of the distri-
bution of the deposit over the probe length, then the jet
divergence will be ~100°, at least for r < 30 mm.

The quantity my is affected by many, often uncon-
trollable factors, and the function m(r) should be deter-
mined in one experiment. Therefore, in all experiments
an arc burning time of t = 3 min was used, which
ensured that at small r the wire diameter increased
amost linearly and at large r the deposited material
could be reliably weighed. In calculating the capture
parameter, the initial probe diameter was increased by
aquantity & = 1/4(D,,» —2a) (linear averaging over time
and probe length) and the quantity D,,,, Was measured
after termination of discharge.

The dependences of the capture parameter on r are
shown in Fig. 2. Data points in this figure are the aver-
ages of four experiments. Though m, values in these
experiments differed by a factor of up to 1.5, the ratio

D/Dmax

0.6

05 0 5 10 x, mm

L L L L
3 ¢, min

|
151

Fig. 1. (a) Dependence of the maximum probe diameter on
thearc burning timeat r = 12 (1) and 20 mm (2) and (b) the
relative distribution of deposited carbon along the probe
lengthat r =12 mm; t=1(1), 2 (2), and 2.5 min (3).
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Fig. 2. Dependence of the dimensionless parameter €(r) on
distance r from the discharge axis.

(m/my) is constant to within less than 10%. Thisis evi-
dencethat the jet properties depend weakly on the con-
tent of carbon added.

ItisseeninFig. 2 that at small r, the capture param-
eter g(r) > 1. With increasing r, the capture parameter
g(r) drops and, at r > 50, mm, becomes less than unity.
The experiments have shown that €(r) diminishes as
helium pressure increases. For example, at r = 15 mm,
g(r) ~ 5 a a helium pressure of 30 torr and ~2 at
180 torr.

4. The simplest estimates show that under the exper-
imental conditions any carbon particles are completely
entrained by the helium flow. In this case, if the flow
about the probe islaminar or noneddying, the particles
can get to the probe only by diffusion across the flow
tubes.

Let us make some estimations. The scattering cross
section ¢ was determined using an approximation of
the elastic collision of spheres o = /4(Dp + D)% Dp
being the diameter of a carbon particle and D,y the
diameter of a helium atom, Dy, = 2.3 x 108 cm. The
free path is A = 1/oN. The concentration of helium
atoms is N = P JKT. The diffusion coefficient is D =

1/3AV, V being the thermal velocity of helium atoms.

Let thediffusiontimet bethetimeit takesaparticle
to traverse the region of the probe, T = 2a/v,, v, being

Table
g(r)
Particle | Dp,cm | T,K 108 10*
Vo, Cm/s| 10° | 10* | 10% | 10*
Atom 3x108 13 | 041 |73 | 231
Fullerene | 7 x 1078 072|023 (41 | 1.30
Associate | 3x 107 0.02 | 0.006 | 0.11| 0.035
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the velocity of the undisturbed flow; then the diffusion
length will be L = (Dt)Y2. In this case, particles from
tubes at adistance of L from the zero tube can be depos-
ited on the probe and the capture parameter can be esti-
mated as€ ~ L/a.

In the table, estimates of the capture parameters for
three kinds of carbon particles at a helium pressure of
Phe = 60 torr and a probe diameter of 2a = 1.5 mm are
given. The cal culation was carried out for two val ues of
the temperature T and the flow velacity v,. From the
table and Fig. 2, it is seen that at small r only carbon
atoms can fit the experimental values of g(r) and, thus,
only for certain values of T and v, at large r, on the
contrary, only for associates of € < 1. Qualitatively,
these relationships appear quite reasonable. Note that
in one of the studies [10], it has been shown that
fullerenes are produced in the region 10 < r < 30 mm.
However, in order to arrive at quantitative conclusions,
it is necessary to make appropriate calculations.
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Abstract—An axialy symmetric model is used to analytically estimate the longitudinal electric field created
in a plasma by an injected electron beam. The relationship can be used to estimate the electron beam energy
lossin the range of parameters where theoretical studiesrely only on numerical simulations. The results are of
interest for creating relativistic electron beams, studying their relaxation in plasma, and devel oping new meth-
ods for charged particle acceleration. © 2001 MAIK “ Nauka/Interperiodica” .

Systems consisting of a great humber of particles
are very difficult to study analyticaly. Therefore, theo-
retical investigations of the electron beam—plasma
interaction rely primarily on numerical simulations,
which can allow for a variety of processes evolving
simultaneously. Such an approach is capable of accu-
rately predicting the behavior of acomplex system with
given parameters. However, along with simulating par-
ticular facilities numerically, one should also analyze
the physical processes (first of all, the dominant pro-
cesses that govern the system behavior). The study of
these processes with approximate models that ignore
fine effects even gives anumber of useful relationships.
In this paper, we analyze the results of numerical simu-
lations reported in [1-4] and use them to develop an
analytical model and to obtain an equation for the lon-
gitudinal electric field produced by a relativistic elec-
tron beam (REB) injected into a plasma. This result is
very important in applications, because the beam
energy is transferred to the plasma mainly through the
excitation of the longitudinal electric field.

We consider the REB—plasma interaction assuming
that the problem is axially symmetric. The set of Max-
well's equations in cylindrical coordinates (r, ¢, 2)
under the condition 0/0¢ = 0 hasthe form

08, _ 10E  am
3z _cot cle
10 10E, 4m,. )
T3 B = Ea_tz-"?(Jpz"-Jb)! 1
OE, 0E, _ 10B,
dz oOr cot’

where By, isthe azimutha magnetic field component, E,
and E, aretheradial and longitudinal electric field com-
ponents, j,- and j,, are the radial and longitudina com-
ponents of the plasma electron current density, and j, is
the beam current density.

In Egs. (1), the radial component of the beam cur-
rent is neglected. Furthermore, to afirst approximation,
one can neglect the effect of electromagnetic fields on
the beam electrons and assume that the beam is given
and that the induced fields depend on the variable { =
t— (zV,) (where V, is the longitudina velocity of the
beam, zisthelongitudinal coordinate, and t isthetime),
rather than on the two independent variables z and t.
The above assumptions significantly simplify the prob-
lem and simultaneously allow us to study the physical
processes that govern the behavior of the system under
study. In this case, Egs. (1) yield

O, __1 08,

or ~ yiBic

ﬂ.
Bbcjpr'

)

wherey, = 1/,/1-Vic’.

Since al the above quantities depend on ¢ rather
than on z and t independently, the electromagnetic field
and charges are carried with the beam. If the beam cur-
rent grows slowly enough (so that the displacement
currents can be neglected) and the longitudinal velocity
of the plasma electrons is small (the longitudinal com-
ponent of the plasma electron current density may be
ignored), the continuity equation dp/odt = divj = 0 takes
the form

op, 10 . 119 9. _
6(+ ror e 4T[[30r6rr6ZB¢ =0 )
Integrating Eqg. (3) with respect to r, we obtain
0B, _ 2, 0Q .
W - eraZ +4T[BOJpr1 (4)

where Q = O2nrpdr is the charge contained in a

straight unit-length cylinder of radiusr aligned with the
beam axis.
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Substituting EQ. (4) into Eqg. (2), we obtain

0E, _ 1 20Q 4TerJ
or VbBbCraZ c P

©®)

Thefirst term on the right-hand side of Eq. (5) isdue
to charge transport in the longitudina direction. The
denominator of thisterm contains yf, , because the vor-
tex and Coulomb fields associated with the charge
transport are directed oppositely and differ by a factor
of Bﬁ. Even at a moderate relativistic factor of y, > 3,
this term can be neglected if the linear density of the
plasmachannel satisfiestheinequality N, > begz .This
condition is fulfilled with a margin in the majority of

applications. In this case, Eq. (5) reduces to a simpler
equation for the longitudinal electric field:

0E, _ 4mp,.
ar - C Jpr- (6)

Let us consider corollaries of Eq. (6) in more detail.
This equation may be used to cal culate the longitudinal
electric field from the known radial dynamics of the
plasma electrons. For example, when even a moder-
ately relativistic beam (y, > 3) is transported through a
plasma channel of radius b in which the plasmadensity
is much higher than the beam density, the boundary
condition for the longitudinal electric field component
can betaken as

E,(b) = 0. (7)

This is an evident corollary of Eq. (6), because
radial currents are only possible inside the channel.
Boundary condition (7) is valid for a wide range of
parameters and can be used to analyze the beam trans-
port through dense plasma channels.

Let us use Eg. (6) to find the electron beam energy
loss due to the displacement of plasma electrons. We
consider the injection of an electron beam with the lin-
ear particle density N, higher than the linear electron
density N, of the plasma channel. Therefore, it can be
assumed that, after a sufficiently long period of time T,
all plasma electrons will leave the channel and deposit
on thewall of the drift tubewith aradius R. Under these
assumptions, the beam energy loss W, associated with
the displacement of electrons over the distance Az can
be estimated as

T

W, = AZ[1,E(O)ck, (8)

where |, isthe beam current and E,(0) isthefield at the
axis of the system.
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Beam energy loss W as a function of Tefor NyNy =2, a=
b=0.5R; W = me?mc?/166°Az; and wyRic = (1) 05, (2) 1,
and (3) 1.5.

The longitudinal electric field at the axis can be
found from Eq. (6) as

E,(0) = j‘l’I—BbJpr ©

Assuming that the plasma channel is uniform, we

obtain
N,e
—P- >
2mr’ r>b

N er (20

21 2’

]
[isct =
0

where e is the electron charge.
With (9) and (10), Eq. (8) yields

W, = b NCeBbAz(l +2InR/b). (11)

Relationship (11) completely agrees with the results
of numerical calculations, aswell aswith the analytical
results obtained from other models in [2-6]. It should
be noted that this energy loss refers to unmagnetized
plasma. In a magnetized plasma, j,, = 0 and thislossis

absent.

Animportant corollary of Eq. (6) isthat the longitu-
dinal electric field is governed by the radial component
of the plasma electron current density. When the beam
front iswide, the energy lossis significantly lower. The
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validity of this assumption was verified by a numerical
model based on Maxwell’s equations and Vlasov's
equation.

The figure shows the energy loss

versusthe dimensionless duration of the beam front 1; =
t; wy, for different values of w,R/c. The beam radius is

a=h. Itisseenthat W isamost independent of w,R/c,
but it depends strongly on t;. For small 1;(<20), the
beam energy loss is mainly determined by the kinetic
energy gained by the plasma electrons in the electro-
magnetic field induced by the beam front. As the front
duration increases, the electromagnetic field in the sys-
tem decreases and the plasma electrons gain a lower
kinetic energy. With these parameters, the energy loss

W rapidly decreases with increasing T1;. However,
starting with 1; > 100, the energy 1oss becomes almost
independent of T;, because the duration of the beam
front becomes much longer than the oscillation period
of the plasma electrons. Even though the front duration
islarge, the electron beam excites radial oscillations of
the plasma electrons. It is the amplitude of these oscil-

VLADYKO

lations (which weakly depends on the pulse front dura-
tion) that governs the major part of the beam energy
loss in this case. Thus, we have shown that the energy
loss can be made several times lower by increasing the
duration of the pulse front. If the propagation distance
isfairly long, the energy savings may be significant. It
should be noted that at 1; = 0, the numerical results
agree well with formula (11).
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ERRATA

Errata: “*On One M echanism of M agnetization Rever sal
in Crystalswith Combined Anisotropy”
[Technical Physics 45 (11), 1441 (2000)]

R. M. Vakhitov and V. E. Kucherov
e-mail: VakhitovRM@bsu.bashedu.ru

Informula (8) (p. 1443), ¢ should be replaced by &.
Throughout the paper, “null domain wall” should read “ zero-degree domain wall.”
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