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Abstract—A nonlinear phenomenological equation is proposed for the description of shallow (<1 um) impu-
rity diffusion in semiconductors and is solved by numerical methods. A comparison to the results of measure-
ments of the diffusion of arsenic in silicon show good agreement between the proposed theory and experiment.
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It is well known that the dopant concentration pro-
files obtained upon shallow diffusion of impurities in
semiconductors (to a depth below 1 um) significantly
differ from the distributions predicted by solutions of
the linear diffusion equation [1]. On the other hand, the
dopant concentration profiles obtained in the early orig-
inal experiments using diffusion from aconstant source
were described by the usua erfc function [2, 3]. The
only distinction separating those experiments from
later investigations consists in the depth of diffusion
reached and the impurity concentration gradients
employed. Therefore, it is reasonable to suggest that
anomalous concentration profiles are at least partly
related to the fact that, in the case of shallow diffusion,
the thermodynamic system is far from the equilibrium
state and the linear relations of the thermodynamics of
irreversible processes [4] may fail to provide a correct
guantitative description of the system. We believe that
it would be natural to describe shallow diffusion of
impurities in semiconductors in terms of a nonlinear
theory taking into account the influence of the concen-
tration gradient on the diffusion flux.

L et us expand the flux of a substance in terms of the
concentration gradient. Taking into account the tensor
dimension and restricting the expansion to thefirst non-
zero term, we obtain [5]

= —DOC-F(OC)%, (1)

where D isthe diffusion coefficient, C is the concentra-
tion, and F is the coefficient of nonlinearity. As can be
seen from this relation, the diffusion flux increases for
F > 0 and decreases for F < 0.

In the absence of sources and sinks, the equation of
continuity in the case of one-dimensional diffusion can

be written as
oC _ 9g719°C
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where the expression in square brackets can be consid-
ered as an effective diffusion coefficient, which tendsto

0C

Since the exact solution to Eqg. (2) is unknown, we
have used numerical methods to study the behavior of
this solution for the problem of diffusion from a con-
stant source such that C(0, t) = C,, C(x, 0) =0, x > 0,
and t > 0. The impurity concentration profiles calcu-
lated on a computer exhibit nonmonotonic character
and tend to the erfc function with increasing diffusion
time.

In experiments, the influence of the impurity con-
centration gradient can be revealed in a sufficiently
large interval of diffusion times. At a relatively short
annealing time (i.e., a small depth of diffusion), the
nonlinear term gives a significant contribution that can
be distinguished in comparison to the results obtained
for alargetime of diffusion at the same temperature and
the same surface concentration of the impurity.

The experiments were performed in the S—As sys-
tem, where arsenic diffused from a surface oxide film
into boron-doped single crystal silicon (KDB-0.005
grade). Subsequent layer-by-layer analysis of the
arsenic concentration was performed using the standard
sheet resistance technique for the diffusion time varied
from five minutes to several hours and an annealing
temperature of 1273 and 1423 K. The content of arsenic
anhydride in the source corresponded to the surface
concentration of arsenic on alevel of about 102° cm=.
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Arsenic concentration profiles upon diffusion in silicon at
T= 1273 K for various times. Solid curves represent the
numerical solutions of Eq. (2) calculated for the indicated
values of D and F; points show the experimental data.

The choice of arsenic asthe diffusant was related to
the fact that (i) the ion radius of arsenic is almost equal
to that of silicon and (ii) arsenic at a concentration of
about 102 cm~2 exhibits no complexation, incomplete
ionization, or other undesired effects[6, 7]. Under these
conditions, it was possible to believe that any devia-
tions from the linear behavior in our experiments were
caused by the influence of the impurity concentration
gradient.

The results of determination of the arsenic concen-
tration profilesin silicon for an annealing temperature
of T=1273K and threetimesof diffusion are presented
in the figure, where solid curves represent the numeri-
cal solutions of Eq. (2) and points show the experimen-
tal data. The D and F valuesin the model equation were
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determined by fitting; the initial values of the diffusion
coefficient were taken from the review [1]. As can be
seen, the experimental points almost perfectly fit to the
corresponding theoretical curves.

Using the well-known formula for the diffusion

length, I = 2./Dt, we have estimated the effective dif-
fusion coefficient given by the expression in square
bracketsin Eq. (2). It was found that this value exhibits
an almost twofold decrease when the diffusion (anneal -
ing) timeisincreased from 30 min to 8 h. This behavior
also agrees with the theory. The experimenta results
will be described in more detail in the subsequent pub-
lication.

To summarize, the preliminary results showed a
good agreement of the theory and experiment and pro-
vided the first data on the coefficient of nonlinearity F,
which has proved to be nonzero for the diffusion of
arsenic in silicon.
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Abstract—We present the working characteristics of a high-power UV-VUV electric-discharge lamp filled
with aworking mixture of helium and iodine vapor (He-l,) at alow pressure (0.1-1.5 kPa) and pumped by a
dc glow discharge at a power of 15-200 W. The power of the total output UV radiation and the main emission
peak at A = 206.2 nm were studied as dependent on the electric power supplied to the glow discharge and on
the partial pressure of helium in the He-l, mixture. The emission characteristics of the glow discharge plasma
were studied in the spectral range from 200 to 350 nm. In this range, the lamp is operating predominantly on a
resonance emission line of excited iodine atoms (A = 206.2 nm, FWHM = 0.10-0.12 nm) and on a system of
electronic-vibrational bands of excited iodine molecules with the main peak at A = 342 nm. The contribution of
the resonance emission due to excited iodine atoms to the total UV emission from the glow discharge plasma
does not exceed 50%. The optimum partial pressure of helium is within 400-800 Pa. The total UV radiation
power of thelamp operating in the optimum regime reaches 25 W at an efficiency of n < 15%. © 2005 Pleiades

Publishing, Inc.

Electric-discharge sources of spontaneous radiation
in the ultraviolet (UV) and vacuum ultraviolet (VUV)
spectral range, employing the emission from excited
excimer molecules and halogen dimers, are of consider-
able interest for applications in microelectronics, high-
energy chemistry, photobiology, and medicine [1-3].
The most powerful and effective sources of stationary
or quasi-stationary emission from excimer molecules
are offered by glow discharge and RF discharge plas-
mas in mixtures of inert gases with chlorine molecules
[4, 5]. Unfortunately, the operating life of such lamps
for a single portion of the working gas—vapor mixture
does not exceed 50-100 h, which is related to a high
chemical activity of chlorine with respect to electrodes
and quartz shells of the discharge tubes. This situation
stimulates investigations into the emission characteris-
tics of glow-discharge plasmas in mixtures of inert
gases with less reactive halogens such as iodine mole-
cules. The lamps filled with iodine vapor and pumped
by electrodel ess RF or microwave discharge [6, 7] radi-
ate predominantly in the region of a resonance atomic
emission line of iodine at A = 206.2 nm.

Previoudly, we studied a lamp filled with a Xe-l,
mixture and pumped by dc glow discharge [8] and
established that the contributions due to the emission at
253 nm [Xel (B—X)] and 342 nm [I,(B—X)] account for
not less than half of the total radiation power. The oper-
ating life of such iodine lamps pumped by dc glow dis-
charge in a sedled-off regime reaches 300-1000 h [8, 9].
However, the conditions of formation of excited iodine
atoms and moleculesin He-l, mixtures ad their relative

contributionsto the total UV emissioninadc glow dis-
charge supplied with a power of up to 200 W have not
been studied so far.

This Letter presents the results of investigations
aimed at optimization of the output characteristics of an
electric-discharge UV lamp employing a low-pressure
helium— odine working mixture.

The dc glow discharge was initiated in a quartz dis-
charge tube with an internal diameter of 14 mm and an
interelectrode distance of 500 mm. The device was
equipped with cylindrical electrodes made of nickel
foil. High-purity crystalline iodine was contained in a
special finger behind the anode.

The emission spectrum of glow discharge plasma
was analyzed by a monochromator (MDR-2) and
detected by a photomultiplier (FEU-106). The detector
was calibrated with respect to the relative spectral sen-
sitivity using standard lamps of the SI 8-200U and
DV S-25 types covering the wavelength range A = 200—
1000 nm. The envelope of the resonance emission line
of iodine atoms (A = 206.2 nm) was studied using a
holographic grating (2400 linessfmm). The discharge
was power supplied from a high-voltage rectifier (I, <
80 mA; Uy < 10kV). Prior to being filled with awork-
ing gas-vapor mixture, the discharge tube was evacuated
to aresidual pressure of 5-10 Pa. The quartz tube was
air-cooled by a ventilator, so that the temperature of the
finger with iodine was close to room temperature. The
tube temperature did not exceed 35-40°C, so that the sat-
urated iodine pressure was within 130-200 Pa [10]. The
total UV power was measured using a power meter of
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Fig. 1. The power of (1) the total output UV radiation and
(2) the resonance atomic iodine emission line at 206.2 nm
as afunction of the electric power supplied to dc glow dis-
charge in the He-l, lamp at P(He) = 400 Pa.
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Fig. 2. The power of (1) the total output UV radiation and
(2) the resonance atomic iodine emission line at 206.2 nm
asafunction of the partial pressure of helium inthe working
He-l, mixture.

the Quartz-01 type as described in [11]. The electric
power supplied to the discharge was varied from 15 to
200 W. The current—voltage characteristics of the dis-
charge corresponded to the subnormal and normal
stages of dc glow discharge.

The emission spectrum of glow discharge plasmain
a working mixture of helium with iodine vapor lamp
consists of a narrow resonance emission line due to
excited iodine atoms at 206.2 nm and a system of broad
emission bands due to excited iodine molecules with
the main peak at 342 nm. Thetotal power of the output
UV radiation is approximately equally distributed
between the atomic emission line at 206.2 nm and the
molecular emission band at 342 nm [I,(B—X)]. Thefull
width at half maximum (FWHM) of the emission line
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at 206.2 nm was within 0.10-0.12 nm, whichiscloseto
the width (AA = 0.1 nm) of the iodine emission line at
253.8 nm observed for alow-pressure Hgl lamp.

Figure 1 shows plotsof thetotal output UV radiation
power and the atomic iodine emission peak versus elec-
tric power supplied to dc glow discharge in a He-l,
mixture at a partial helium pressure of P(He) = 400 Pa.
As can be seen, the maximum increasein the output UV
radiation power is achieved in the region of W, = 15—
50 W. Further increase in the supplied electric power
was accompanied by an approximately linear growthin
the output UV radiation power, without signs of satura-
tion.

We have studied the output UV radiation power as
a function of the partial pressure of helium in the
working mixture. It was found that the optimum value
of P(He) in the discharge, which ensured the maxi-
mum UV emission from excited iodine atoms, was
130 Pa. For the maximum UV emission from iodine
molecules, the pressure of helium must be within
130800 Pa (Fig. 2).

The absolute output UV radiation power viathe side
surface of the discharge tube measured in a spectra
interval from 200 to 350 nm amounted to 15-25 W at
an efficiency of n < 15%. The working life with respect
to the UV emission in a gasostatic operation mode was
not |ess than 400-500 h.

In conclusion, we have established that an electric-
discharge lamp filled with a mixture of helium and
iodine vapor at alow pressure radiates in the region of
aresonance emission line of iodine atoms peaked at A =
206.2 nm (FWHM ~ 0.1 nm) and a system of broad
emission bands due to iodine molecules with the main
maximum at 342 nm. Thetotal power of the output UV
radiation is approximately equally distributed between
the atomic and molecular emission. The optimum par-
tial pressure of helium in the discharge, which ensured
the maximum UV emission from excited iodine atoms,
is 130 Pg; for the maximum UV emission from iodine
molecules, the pressure of helium must be within 130—
800 Pa. The total output UV radiation power of the
lamp reaches 25 W at an efficiency of n < 15%.
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Abstract—A difference between the luminescence spectra of bulk and thin-film single crystals of Gd;GasO;,
gadolinium gallium garnet excited by UV radiation from a deuterium lamp has been studied. The films were
grown by liquid phase epitaxy from supercooled melts based on the PhO-B,0; and Bi,O;—B,05 solid solution

systems. © 2005 Pleiades Publishing, Inc.

Previously, we have reported [1-4] that the optical
absorption spectra of the epitaxia films of Gd;GasO;,
gadolinium gallium garnet (GGG) exhibit additional
bandsin comparison to the spectra of bulk GGG single
crystals. In particular, the films grown from a melt
based on the PbO—B,0O solid solution system at asmall
supercooling as compared to that for the GGG substrate
were characterized by an additional absorption band
centered at A = 280 nm. The spectra of samples grown
a a higher supercooling displayed two additional
absorption bands peaked at A = 325 and 550 nm. The
GGG films grown from a Bi,O;—B,0; solution melt
exhibit an additional absorption band with a maximum
at A =280 nm.

The aim of this study was to compare the effects of
UV radiation on abulk GGG single crystal and epitax-
ia films grown from Gd,0~Ga,0;—Ph0O-B,0; and
Gd,0,-Ga,0;Bi,04-B,0; solution melts on (111)-
oriented GGG single crystal substrates with athickness
of 500 um. The parameters of samples are presented in
the table, where T, is the growth temperature and 2h is
the total thickness of epitaxial films grown on both
sides of the substrate.

The sampleswere exposed to UV radiation of adeu-
terium lamp of the DDS-30 type. Thelight beam, which
was passed through a quartz prism and a dit, was nor-
mally incident on the sample surface. The spectrum of
exciting radiation is presented in Fig. 1. The edge face
of the sample was close to the entrance dlit of an
MDR-12 monochromator. The width of the entrance
dlit was equal to the sample thickness. The sample
[uminescence was analyzed by the monochromator and
detected by an FEU-100 photomultiplier with a work-
ing wavelength range of A = 170-840 nm. The spec-
trum of emission from the sample edge was recorded
using an ENDIM two-coordinate recorder with the

sweep rate synchronized with the wavelength scan rate
in the monochromator.

Figure 2 shows the typica UV-excited lumines-
cence spectra observed from the GGG single crysta
samples. The spectrum of a GGG substrate (Fig. 2,
curve 0) exhibits emission bands peaked at A = 590,
591, 593, 618, 693, and 706 nm. These luminescence
bands cannot be assigned to Gd®* ions [5]. The nature
of the optically active centers responsible for the
observed emission is still unclear and requires addi-
tional investigation.

The above luminescence bands are not observed if
the substrate surface is covered with an epitaxial film
grown from either Gd,0,—Ga,0;—Pb0O-B,0; (Fig. 2,
curve 1) or Gd,0,—Ga,04-Bi,04-B,04 (Fig. 2, curve 2)
solution melts. The epitaxia film/substrate structures
exhibit broad luminescence bands of low intensity

I, a.u.
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Fig. 1. The spectrum of UV radiation used to excite lumi-
nescence in the GGG samples.

1063-7850/05/3102-0106$26.00 © 2005 Pleiades Publishing, Inc.



LUMINESCENCE OF BULK AND THIN-FILM SINGLE CRYSTALS

1, a.u.
1.0}
0.5+ L Al
0 AL A~ Il I
400 500 600 700 800
0.10}
0.05
T
0 1 1 1 1
400 500 600 700 800
0.10}
0.05
2
0 e e —— L I
400 500 600 700 800
A, nm

Fig. 2. The typical UV-excited luminescence spectra of a
GGG substrate (curve 0) and of the substrate surface cov-
ered with an epitaxial film grown from either Gd,O3—
Ga,03PhO-B,05 (curve 1) or Gdy,O3-Ga,03-Bi, 03—
B,0O3 (curve 2) solution melts.

(notethat the ordinate scalefor curve O isdifferent from
that for curves 1 and 2). A difference between the lumi-
nescence spectra of the bulk substrate (Fig. 2, curve 0)
and the film/substrate structures (Fig. 2, curves 1 and 2)
can be explained only by the fact that the exciting radi-
ation is completely absorbed by the epitaxial film.

Apparently, the exciting UV radiation isabsorbed in
the epitaxial film by the impurity ions of lead and bis-
muth, which are absent in the substrate. Moreover, the

Parameters of epitaxial GGG films

Sample No. Solvent T °C | 2h, um | Impurity
1 PbO-B,0; 966 10 Pb?*
2 Bi,O;B,O5; | 898 16 Bi%*
TECHNICAL PHYSICS LETTERS Vol. 31  No. 2
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UV radiation is absorbed within a thin transition layer
a the film/air interface, where the concentration of
impurity ions is higher by afactor of ten and above as
compared to that in the epitaxia film volume [6-8].
Thus, the observed luminescence (Fig. 2, curves 1 and
2) is caused by the centers related to the impurity ions
present in the epitaxia layer,

Theresults of our experiments have to be taken into
account in developing UV radiation imagers, scintilla-
torsfor a and 3 radiation, and electro- and X-ray lumi-
nescent screens with high spatial resolution.
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Abstract—Exact analytical methods are applied to description of the thermal and isothermal slip of a molecu-
lar gas along a hard spherical surface with arelatively small curvature. The thermal and isothermal slip coeffi-
cients of the gas are determined in an approximation linear with respect to the Knudsen number. The problem
is solved within the framework of the generalized Bhatnhagar—Gross—Kruck (BGK) model of the Boltzmann
kinetic equation taking into account the rotational degrees of freedom. The values of the thermal and isothermal
dlip coefficients have been numerically calculated for several molecular gases. It is shown that the obtained slip
coefficients depend on the Prandtl number. © 2005 Pleiades Publishing, Inc.

Introduction. Description of the properties and
behavior of molecular gases is basically more difficult
than that of a monoatomic gas [1]. This difficulty is
related to the fact that processes taking place in molec-
ular gases have to be described taking into account not
only translational movement of the molecules, but their
rotational motion and vibrational degrees of freedom as
well. The boundary conditions for the equations of
hydrodynamics describing the regime of flow with slip
in a monoatomic gas streamlining a curved surface
have been studied in sufficient detail using both exact
and approximate methods. The situation is not as satis-
factory in the case of boundary conditions for the prob-
lem of the description of amolecular gas slipping round
a curved surface. Exact analytical solutions of such
problems have not been reported in open publications
so far.

The aim of this study was to obtain exact analytical
solutions to the problem of description of the thermal
and isothermal dlip of a molecular gas along a hard
spherical surface with arelatively small curvature (for
a Knudsen number on the order of 0.03-0.4). The
approach is based on the Bhatnagar—Gross—Kruck
(BGK) model of the Boltzmann kinetic equation gener-
alized to the case of rotational degreesof freedom of the
gas molecules [2]. It is assumed that the vibrational
degrees of freedom are frozen, while the rotationa
motions are described based on the classical kinetic
theory of gases. The results of calculations show that
this approach to description of the behavior of molecu-
lar gases is valid in a sufficiently broad range of gas
temperatures (approximately from 10 to 1000 K).

Formulation of the problem. Main equations.
Consider a spherical aerosol particle suspended in a
flow of ararefied molecular gas and let a temperature
gradient OT be set far from the particle surface. The

collisions of molecules in the Knudsen layer (a thin
boundary layer of gas immediately adjacent to the
streamlined surface, with athickness equal to the mean
free path of the gas molecules) with the nonuniformly
heated particle surface give rise to a macroscopic
motion of gas along the surface, which is called ther-
mal slip.

Let a spherica coordinate system be related to the
center of curvature of the particle, with the polar axis
oriented paralel to the temperature gradient. Then,
owing to the axial symmetry of the system under con-
sideration, the tangential component of the mass flow
velocity Ug will be nonzero. Since the spherical surface
isimpermeable, the radial component of the mass flow
velocity of the gas on the surfaceis zero: U,|s= 0.

Let the tangential component of the gas flow vary
slowly in the direction of the norma to the surface
rather than remaining constant. This nonuniform mass
flow velocity profile in the Knudsen layer leads to an
additiona dlip of the gas along the surface, which is
called isothermal dlip.

Thus, the quantities k; = dUg/or|, and k, =
(/R)(0InT/00)|,, are nonzero in the problem under con-
sideration. In what follows, these values are assumed to
be small. In this case, the problems admits linearization,
whereby the distribution of gas moleculeswith respect to
coordinates and velocities can be represented as

f = fO[1+Y(r,C,v)],

where f© isthe local equilibrium distribution function
in the gas volume far from the aerosol particle surface;

r = 3JTPr/(4\)r' (for the isothermal dlip); r =

JTEPH/(20)r (for the thermal slip); r'isthe dimensional
radius vector; A isthe mean free path of gas molecules,

1063-7850/05/3102-0108$26.00 © 2005 Pleiades Publishing, Inc.
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which is related to the kinematic viscosity by the rela-
tion A = vy(TiV2ksT,,)¥2; Pr is the Prandtl number; C =

V. /m/2kg T, ; v = w,/J/2kgT,,; v and w are the trans-

lational velocity and rotational frequency of the gas
molecules, respectively; T, is the particle (wall) sur-
face; kg isthe Boltzmann constant; and mand J are the
mass and the moment of inertia of a gas molecule,
respectively.

Let Y(r, C, v) be asolution of the equation [3]

aY oY C¢ aY
5+ Y(r.C, v)+k[ceae S50%
2 2, 0Y
+ (Ce + C¢)%‘r + (C¢ '[9 C Ce)ace

Y D
—(C,4CqcotB + c,cq,)a—CJ

= J’k(C, v; C',v)Y(r,C",v)dQ,

where | = 2 and dQ = 2132exp(—C? — v3)vdvd®C for a
diatomic gas; | = 5/2 and dQ = Tr3exp(—C? — v?)dvd®C
for a polyatomic gas with N = 3 atoms in the molecule;
k = 4Kn/(3./mPr) for the isotherma dlip; k =
2Kn/(J/TtPr) for the therma dlip; Kn = A/R' is the

Knudsen number; R' is the dimensiona radius of the
aerosol particle; and

k(C,v; C', V') = 1+2CC'

(CP+v2—k—1/2)(C2+Vv2—1-1/2).

I+1/2

Following Sone[4], let usseek thefunction Y(r, C, v)
in the form of an expansion with respect to a small
parameter k:

Y(r,C,v) = Y(r,C,v) +KY,(r,C,V) + .... (2

By the same token, the hydrodynamic characteristics of
the gas flow are also expanded into series with respect
to k. In particular, the tangential component of the mass
flow velocity can be written as

Ug = UV +KkUP + ... ©)

where U = U',/m/2kgT,, is the dimensionless mass
flow velocity of the gas.
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Substituting expression (2) into Eq. (1) and equating
the coefficients at k, we eventually obtain the following
equations for the functions Y,(r, C, v) and Y,(r, C, v):

Cr@—:“Yl(r, C,v)

0 (4)
= Ik(c,v; C,v)Y,(r,C',v)dQ,

CaaY +Y,(r, C,v) —J'k(C v; C',V)Y,(r, C',v)dQ

2 2
—[(ce+c¢) L4 (C2ootf - cce)aCe (5)
Y
—(C,CqcotB) +C C¢)6Y1} 09(2391

Let usfind asolution to Egs. (4) and (5) in the form
of the expansions

Yi(r, C,v) = Coby(x Cy)

2. 2 (6)
+Co(Co+Cy + -1)¢,(x, C)),

2
vo—I|

Yo(r, C,v) = Cos(X, C;) + Co(v? =1+ 1)y(%, C,)

- ()
+ z b (Co Cop)Pi(X, C;, V),

k=3

where x = r — R and C, together with b, (Cy, Cy) form a
complete set of orthogonal polynomials in velocity
space. To smplify the notation, we omit 0 in the argu-
ments of functions entering into Y;(r, C, v) and
Y(r, C, v). By the orthogonality of Cq and by (Cg, Cy) in
velocity space, we imply the zero of the integral

I J’ exp(— Cj — C4) Ceb, (Cq, C,)dC4dC,.

—00 —00

Substituting expressions (6) and (7) into Egs. (4)
and (5), multiplying the obtained relations by

vCeexp(-C; — C; — Vv?) for a diatomic gas

(Coexp(—Cg — Cj —V?) for apolyatomic gas), and inte-
grating with respect to Cy and C,, from —oo to +o0 and
with respect to v from 0 to +o for the diatomic gas (Cqy
and C, from —oo to +o0, and v from — to +oo for the
polyatomic gas), we eventualy arrive at the following
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Slip coefficients of some molecular gases as functions of the
Prandtl number

o [ m [ a0 [ [ k@ [ 8
Cl, 0.64 11945 | 11567 | 1.1436 | 2.3467
CO 0.74 1.0331 | 1.0004 | 1.0354 | 2.1247
CH, 0.75 1.0193 | 0.9871 | 1.0216 | 2.0964
SO, 0.85 | 0.8994 | 0.8709 | 0.9014 | 1.8498
NH3 093 | 0.8220 | 0.7960 | 0.8239 | 1.6906
H,O 1.01 1.7569 | 0.7330 | 0.7586 | 1.5567

set of equations for the functions ¢;(x, 1) and (X, )
i=1,2,u=C):

u%d‘:zl’fdn(x, W = —}}I exp(-T°)p,(x )dt, (8)
w221 4.00) = 0 ©

a .
W Uil b) = = [ p( ) x ek

09

S+ 20 ) - 452 "’2

+Udi (X ) -2~ (10)

LIJ ¢z

2+llJz(x M) = 4uoy(x W) —25-

Assuming that the gas molecules exhibit diffuse
reflection from the aerosol particle surface and taking
into account the relations

£O = fo[l +2C,Uq(0) + (C?=v? =1 — 1/2)T(e0)

aInT CeaInTD

=g 0~ 2CCo."

-(C* -V -1-12)g 5 auﬂ

or

Uy(®) = U(0) + 5201 -R)

aInT
or

(r —R) +6InTe

T(oo) = £T+ 00

_ 0 m |:J3/2 J
- kT KgTy,
for the diatomic gas [3] and

o_ [ m D3/2 (JlJzJa)ﬂ2
orke T 211k T,,) %2

——exp(-C*-Vv?)

exp(—C*—v?)
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for the polyatomic gas (J;, J,, J; are the projections of
the moment of inertia of the gas molecules), we can
write the boundary conditions for the unknown func-
tionsas

0:0.1) = —2Uf|g+ 2uk, + {° T, 1>0, (1)

¢y(c0, ) =0, p<O; (12)
$,(0,p) = k;, p>0, ¢y(w,p) =0, p<0,(13)

W, (0. 1) = —2U7|s u>0, Wy(eo, ) =0,
p<o;
Po(O, ) =0, pu>0, Yy(o,p) =0, p<O0.

Thus, the solution of the problem of description of
the slip of a rarefied molecular gas along a relatively
weakly curved surface reduces to the solution of the
system of equations (8)—(10) with the boundary con-
ditions (11)—(14).

Main results. The system of equations (8)—10)
with the boundary conditions (11)—(14) does not
explicitly contain the rotational frequencies and fully
coincides with an analogous set of equations and
boundary conditions derived previously [5, 6] for the
thermal and isothermal dlip of a monoatomic gas at a
spherical surface within the framework of the BGK
model of the Boltzmann kinetic equation. Taking into
account relation (3) and using the solutionfound in [5, 6],
we obtain

(14

Ugls = UG [s+ kUG5 + (15)
U |s = —Qiky — (Qu + 12)k,/2,

UP|s = *u(Qs + QiQo)ke. (16)
where Q; = —1.01619, Q, = —1.2663, and Q, = —1.8207
arethe Loyalkaintegrals[7].

Passing to the dimensional variables in expres-
sions (15) and (16), we obtain [8]

Uj|s = O.7645Pr_1)\(1—0.7403Pr_1Kn)%
r

aInT
Ra0|.,

Thus, in the case when amolecular gas flow stream-
lines a spherical surface with slip, we have C!¥ =
0.7645Pr2, C = 0.7403Pr2, K = 0.7662Pr %, and

B' = 1.5723Pr. The values of the slip coefficients for
some molecular gases are presented in the table. Note
that, in contrast, the monoatomic gases are character-

ized by the coefficients C¥ = 1.1466, C'V = 1.1104,

©(17)
+0.7662Pr vy (1 - 1.5723Pr 'Kn) 554
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K2 =1.1499, and p' = 2.3590 [5, 6], which are inde-
pendent of the Prandtl number.

Conclusions. The thermal and isothermal slip coef-
ficients for a rarefied molecular gas flowing with dlip
round a hard spherical surface have been obtained in an
approximation linear with respect to the Knudsen num-
ber. It isfound that, in contrast to the cases of tempera-
ture jump [2] and the second-order thermal dip [9],
making allowance for therotational degrees of freedom
of the gas molecules within the framework of a model
equation proposed in [3] leads to equations and bound-
ary conditions describing the thermal and isothermal
dip of the molecular gas along the curved surface,
which are the same at those for a monoatomic gas. On
the other hand, it is shown that the thermal and isother-
mal dlip coefficients for the molecular gas significantly
depend on the Prandtl number.
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Long-Term Oscillatory Relaxation
of Local Atomic Concentrationsin Amorphous M agnets
S. K. Godovikov

Research Ingtitute of Nuclear Physics, Moscow Sate University, Moscow, Russia
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Abstract—It is established for the first time that iron-containing amorphous metal glasses feature an oscillatory
process of local atomic migration with acharacteristic time of up to severd years. © 2005 Pleiades Publishing, Inc.

Amorphous metal glasses offer a good model of
atomic chaosin which, according to modern notions[1],
a certain spatiotemporal order can spontaneously
appear for some reason. However, no such phenomena
have been previously reported for these materials. This
study was undertaken in order to elucidate the situation.

The experiments were performed on samples of an
iron-based ferromagnetically ordered amorphous alloy
with the composition Fe;;,Si;3BgsCu;Nb;, which is
widely used in electrical engineering. The samples
were studied using %’Fe MOssbauer Spectroscopy,
which is the most expedient method for probing the
atomic structure of such materials. Theinitia perturba-
tion of the ion subsystem was introduced by sharply
changing the strength E of an electric field applied to a
sample, which models a situation frequently encoun-
tered in real technical devices.

A sample was prepared from an amorphous metal
ribbon with a thickness of 2 x 102 mm obtained by
means of melt spinning. The ribbon was cut into pieces,
which were glued onto a mylar film so as to obtain a
M 6sshauer absorber in the form of a disk with adiam-
eter of 25 mm. The electrical impact on the sample was
effected in a narrow gap (0.4 mm wide) of a capacitor
to which avoltage of 25 kV was applied. The absorber,
sandwiched between Teflon spacers, did not exhibit
breakdown, but it was subject to a pulsed field variation
at arate of dE/dt ~10® kV/(cm s) when the capacitor
plates were shorted. This impact caused an instanta-
neous displacement of metal ions from their equilib-
rium positions. Then, the state of the sample was mon-
itored over along period of time (about two years) by
M 6sshauer spectroscopy. Each spectrum was recorded
for2-5hat T=293 K.

Figures laand 1b show the typical M ssbauer spec-
tra measured in the initial state and upon the electric
impact, respectively. All the spectra measured during
the two-year period of observations fall between these
typical curves. The anticipated periodic variations with
time have been actually observed, as manifested by
oscillations between the two typical forms. The

changes are most pronounced at the edges of the spec-
trum, especially on the left side, where an amost flat
step (a) transforms into a peak (b) and vice versa.

In order to elucidate the physical meaning of these
changes, the spectra were mathematically processed in

€, %
I ] i
0 *!*z*"‘“l'l”“n'!ll”'u“’i“mﬁ () hg‘ﬂmﬂﬂlﬂﬂlu',”#“ﬂ
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p! y |
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Ilih] ]
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| |Hl| IR |
| |
b L
\lll{ R‘I by | | f
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! {’ lﬂllﬁ
5 C 1 [‘lu 1 iI 1
4 0 4 8
V, mm/s

Fig. 1. MGssbauer spectra of a Fey4Si13BgCu;Nbs amor-
phous aloy () in the initial state and (b) after an electric
impact (g is the relative response signa, V is the source
velocity).
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terms of two different models. Treatment within the
framework of the model of a continuous distribution of
hyperfinefields H gave the distribution density function
p(H), which exhibited peaks at ~100, 200, and 250 kOe
on a broad symmetric background. This shape of the
distribution was evidence of a certain concentration
inhomogeneity and a short-range ordering in the given
amorphous aloy. In order to perform an accurate quan-
titative analysis, the experimental data were processed
(based on the established p(H) distribution) within the
framework of a discrete model of three Zeeman sextets
consisting of arbitrarily wide (0.6-0.9 mm/s) Lorentz
lines. Variable parameters were the hyperfine fields
(H, H,, Hy), isomer shifts, quadrupole splittings, and
relative (percentage) weights of the three sextets (A,
A,, A;). All of these parameters, except for A, and A,,
were rather stable in time. In contrast, the values of A;
and A, exhibited opposite oscillations with a large dif-
ference in amplitude (up to 22%) and a variable period
(from 8 to 16 days) (Fig. 2). The points of maximum
mutual approach and divergence of curves 1 and 2 in
Fig. 2 correspond to the spectra of types (a) and (b) in
Fig. 1. These oscillations may be considered irregular
or even stochastic, but the very fact of the existence of
the two-parametric process is unambiguously estab-
lished.

It was also found that these oscillations did not
decay even after a one-year period of time, although
their amplitude somewhat decreased as compared to
that in Fig. 2. Repeated electric impact intensified the
oscillations (increased their amplitude again), after
which they were self-sustained for another year.

Amorphous metal alloys of the given composition
have been thoroughly characterized by various meth-
ods, including Mdssbauer spectroscopy [2, 3]. In par-
ticular, it was established that the hyperfine field
parameter H is determined predominantly by the iron
content and weakly depends on the metalloid type (S
vs. B). Local alloy compositions were found to corre-
late with the H values: H = 240-250 kOe corresponds
to Fey(Si, B, Nb, Cu); H = 100 kOe corresponds to
Fess(Si, B, Nb, Cu),,; and H; = 100 kOe (Si, B, Nb, Cu)
is evidence of a small iron content (~30 at. %). This
study has aso revealed three regions of a short-range
order, which can be denoted |11 and correspond to the
aforementioned compositions. Region 11 is character-
ized by ahigh structural stability, whereasregions| and
Il are extremely unstable and mobile. All of these
regions have dimensions on the order of several dozens
of angstroms.

In order to clarify the physical essence of these
relaxation processes, it is necessary to distinguish
between the magnetic and atomic phenomena. The sta-
bility of the H;, H,, and H; values indicates that the
temporal variationsin thelocal collinear ferromagnetic
structure of regions| and |1 areinsignificant. Therefore,
the observed dynamics can berelated only to the atomic
migration leading to oscillations in the local composi-
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Fig. 2. Long-term variation of the relative weights of three
sextets (components of a model Mdssbauer spectrum) for
an amorphous alloy sample upon electric impact: (1) Aq;
(2) Ay; (3) Az. Experimental errors fall within the circle
size.

tion. An analysis of theion radii [4] and atomic masses
for elements present in the alloy composition leadsto a
natural assumption that this migration most probably
involves small and light boronions. It is known [5] that
amorphous metal aloys contain a large number of
vacancies, so that boron diffusion may proceed via
theselattice sites (asin crystalline a-Fe) rather than via
interstitial positions.

The clear opposite character of variation of the A;
and A, values suggests the following model of the
observed local oscillatory process. In the initial state,
the content of regions | and Il is approximately the
same (about 45%). Electric impact induces an immedi-
ate displacement of ions and the corresponding redistri-
bution of pressures at the atomic positions. As aresult,
boron ions leave some regions 11, and this process con-
tinues until the concentration of honmagnetic compo-
nents in these regions becomes identical to that in
regions|. Thisimplies arelative increase in the amount
of regions | and the corresponding decrease in the pro-
portion of regions 1. As can be seen from the datain
Fig. 2, on thefourth day this process involves about 1/4
of regions Il. Boron ions do not enter regions | or 11
and, probably, form associates with each other and with
other nonmagnetic ions (invisible for the M&ssbauer
effect). The resulting strong concentrational inhomoge-
neity is unstable, and the opposite process gradually
develops, whereby boron ions return to regions |1, and
this cycle is completed after about 15 days (Fig. 2).
This model may, in principle, be expanded to include
regions I, which will initially accommodate the excess
boron ions.

The observed structural relaxation is not terminated
upon thefirst cycle, since the driving force—the elastic
and magnetoelastic energy introduced into the amor-
phous alloy during its rapid quenching from melt and
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Fig. 3. Long-term variation of the relative weights of three
sextets (components of a model Mossbauer spectrum) for
an amorphous alloy sample not subjected to electric impact:
(1) Ay, (2) Ay (3) Az. Experimental errors fall within the
circlesize.

then during the electric impact—is far from being
exhausted. As a result, we observe long-term oscilla-
tions of the parameter of local atomic concentrations
that can be terminated only by complete ordering of the
sample, that is, by crystallization. Any external action
producing displacement of ionsfavorsintensification of
this oscillatory process. Analogous phenomena were
previously observed in a ThFe, crystal with nonmag-
netic impurities [6], which also exhibited oscillationsin
the local magnetic structure.

In order to elucidate the nature of the observed phe-

nomenon, the same measurements were performed on
a sample not subjected to the electric impact. Figure 3
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showstheresults of the determination of parametersA,,
A,, and A; for the first 40 days. It was found that the
opposite changesin A, and A, are also observed for this
sample, but their amplitude is less than half of that for
the sample studied upon the electric impact (Fig. 2).
This rather unexpected result shows that the process of
long-term oscillatory relaxation isinherent in the amor-
phous alloy from the very beginning and that the elec-
tric impact only potentiates the effect.

Thus, the results of this investigation showed that
amorphous metal alloys may exhibit structural relax-
ation at T = 293 K, which has the form of long-term
oscillations of the parameter of local atomic concentra-
tions. The amplitude of this process can beincreased by
an impact action of an external electric field.

Acknowledgments. The author is grateful to
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Abstract—The recombination properties of silicon passivated by insulating films of erbium oxide (Er,O3) have
been studied. After deposition of an oxide film, the effective lifetime of nonequilibrium charge carriers, mea-
sured by method of nonstationary photoconductivity relaxation, increased by a factor of two to three as com-
pared to theinitial value. The rates of the surface recombination of charge carriers at the silicon—oxide interface
have been determined. The insulating films of erbium oxide are promising passivating coatings for silicon-
based devices and integrations. © 2005 Pleiades Publishing, Inc.

Rare earth (RE) oxides are among the promising
dielectric materials suitable for the formation of antire-
flection coatings on silicon-based photovoltaic devices.
The RE oxides are advantageous over other candidate
materials because they are highly transparent in the
working spectral range, show high chemical and ther-
mal stability, and possess an optimum index of refrac-
tion for these applications. The results of previous
investigations[1, 2] showed that RE oxide films depos-
ited onto the surface of silicon reduce the spectral
reflection coefficient to 0.01-1.2% and increase the
spectral short-circuit photocurrent of a photoelectric
converter by more than 50%.

Animportant requirement for the optical coatings of
semiconductor devices is the possibility of obtaining
semiconductor—film interfaces characterized by low
recombination losses. Investigation of the passivating
properties of a series of RE oxides [3] (RE = Ce, Eu,
Dy, Sm,Y, Gd, Y b) obtained by thermal oxidation of the
corresponding RE element films for 30 min in air at
673 K showed that the surface recombination rate on
the passivated silicon surface significantly decreased.
The dependence of the lifetime of nonequilibrium
charge carriersin silicon on the temperature of passi-
vating heat treatment for RE =Y, Dy, and Gd was stud-
ied in [4]. Another promising coating for passivation
of the surface of silicon and related devices is offered
by a two-layer structure of ytterbium and dysprosium
oxides[5].

The recombination characteristics of a silicon sur-
face covered by alayer of erbium oxide have not been
studied so far. In order to fill this gap, we have deter-
mined the effective lifetime and the rate of surface
recombination of nonequilibrium charge carriersin sil-
icon plates passivated by erbium oxide films.

The substrates were cut from (100)-oriented pol-
ished single crystal silicon wafers (KEF-20 grade) and
had the dimensions 10 x 5 x 0.36 mm. Prior to RE oxide
film formation, apart of the silicon substrateswere only

rinsed for 10 min in acetone, while the other samples
were deprived of natural oxide by etchingin an agueous
solution of hydrofluoric acid (HF—H,0, 1 : 10), and
some of these samples were then boiled in a hydrogen
peroxide—ammonia—water mixture (NH,OH-H,O,—
H,0, 1: 1: 3). After each treatment, the substrates were
repeatedly rinsed in doubly distilled water and dried on
afilter paper. Then, the films of erbium were prepared
on both sides of silicon substrates by thermal deposi-
tion in vacuum. The RE metals were evaporated from a
molybdenum crucible in aresidua vacuum of (2-3) x
10" Torr (VUP-5 vacuum system). Finadly, the RE
metal films were oxidized by heating in air for 40 min
at 600°C, and the ohmic contacts were formed by vac-
uum deposition of dysprosium and aluminum pads via
masks (see inset to the figure).

The effective lifetime 14 of charge carriers was
determined by the conventional method of nonstation-

1/t x 107,571
2.0F
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Dy Al

—
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I S
V77777777257 Er,0; 722577
nSi
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0 1 2 3 4 5
1/d x 107!, cm™!

Plots of the effective lifetime of nonequilibrium charge car-
riers versus thickness of silicon samples (1) with areal sur-
face and (2) passivated with erbium oxide film. The inset
shows a sample configuration.
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Effective lifetimes 14 and surface recombination rates S of
nonequilibrium charge carriersin silicon samples differently
treated before and after passivation by erbium oxide films

Silicon sur- Te: HS S cmi/s
facepre- ["ithout | with without with
treatment | Er.0, | Er,O, Er,0; Er,05

Ultrasonic 10-12 25-30 | 1500-1800 | 600-720

rinsing

HF:H,O 8-10 20-25 | 1800-2250 | 720-900

HFH,0 + 1012 31-38 | 1500-1800 | 470-580

H,0,

ary photoconductivity on the samples illuminated by
rectangular pulses of light. The method of measure-
ments and the experimental setup were described else-
where [6]. It was found that the process of photocon-
ductivity relaxation in the samples can be described by
a single exponent with one characteristic time. This
process is determined entirely by the carrier genera
tion—relaxation processes, while the trapping of non-
equilibrium carriers at the silicon—RE oxide interfaces
can be ignored. The effective lifetime of nonequilib-
rium charge carriers in thin samples with a relatively
low rate of the surface recombination is described by
therelation [7]

1_-1,25

T T, d

where 1, isthe lifetime of nonequilibrium charge carri-
ersin the bulk of silicon, d isthe sample thickness, and
Sisthe surface recombination rate. Using this equation,
the surface recombination rate can be evaluated from
the photoconductivity kinetics if the bulk carrier life-
time is known.

For determining the bulk carrier lifetime, we used
the dependence of the effective lifetime of nonequilib-
rium charge carriers on the sampl e thickness. Two such
plots, constructed using the T values measured for the
samples of various thickness prepared by etching sili-
con substrates in a standard etchant (SR-8), are pre-
sented in the figure. As can be seen, the experimental
data are well rectified in the 1/t14 versus 1/d coordi-
nates. This result isindicative of a constant rate of sur-
face recombination in the samples of various thick-
nesses. The bulk carrier lifetimes evaluated from these
experimental data were 1, = 200 ps for all samples
studied.
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The surface recombination rate was eval uated using
measured values of the effective lifetime of nonequilib-
rium charge carriers. The measured values of T« did not
exceed 38 ps and obeyed the condition 1/t > 11,
which alowed the term 1/t in relation (1) to be
ignored. The values of the surface recombination rate S
and effective lifetime 1 of nonequilibrium charge car-
riers determined for differently pretreated silicon sam-
ples measured before and after the erbium oxide film
formation are presented in the table.

An analysis of the results shows that deposition of
the erbium oxide films increases the effective lifetime
of nonequilibrium charge carriers and decreases the
surface recombination rate. As can be seen from the
comparative data, the Svaluesin the S—Er,O; structure
are lower by one to two orders of magnitude than the
analogous values in S-S0, and Si—-SiO~Si3N, struc-
tures widely used in semiconductor electronics[8, 9].

Thus, the results of our investigation show the high
efficiency and good prospects of using insulating
erbium oxide films as passivating coatings for silicon-
based devices and elements of integrated circuits.
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Abstract—The shift At between unstable periodic orbits of coupled oscillators occurring in the chaotic syn-
chronization regime has been studied. It is shown that this time shift is the same for all equiphase orbits with
various topological parameters and depends on the coupling parameter €. This dependence obeys the universal
power law At ~ €" with an exponent of n =-1. © 2005 Pleiades Publishing, Inc.

Chaotic synchronization of dynamical systems is
among the important basic phenomena extensively
studied in recent years [1]. This process is also of con-
siderable practical interest (e.g., for data transfer by
means of deterministic chaotic oscillations [2], for
solving some problemsin biology [3], etc.). According
to modern classification, there are several types of cha-
otic synchronization of coupled oscillators, including
generalized, phase, lag, and complete synchronization
(see, e.g., [4]). Recently, it has been shown [5, 6] that
the phase, generalized, lag, and complete synchroniza-
tion regimes are closely related, since they are essen-
tialy manifestations of the same type of synchronous
dynamicsreferred to astime scale synchronization. The
character of a particular synchronous regime (phase,
lag, or complete) is determined by the number of syn-
chronized time scales introduced by means of a contin-
uous wavelet transform [7].

In this Letter, we will analyze how the time shift
between synchronized unstable saddle periodic orbits
(corresponding to the equiphase saddle m:m cyclesin
the general phase space) changesin the phase spaces of
interacting chaotic oscillators depending on the param-
eter of coupling between the interacting subsystems.

Unstable saddle periodic orbits [8] play an impor-
tant rolein the process of chaotic synchronization (see,
e.g., [9-11]). An autonomous chaotic oscillator is char-
acterized by a set of unstable saddle periodic orbits of
various periods, which areincorporated into the chaotic
attractor. For a small coupling parameter, each of the
two mutually coupled chaotic oscillators with dlightly
different parameters is characterized by its own set of
unstable saddle orbits. The saddle orbits with the same
topological period m have different temporal periods T

1This author has also appeared under the alternate spelling
A.E. Khramov.

(the time required for the imaging point to return to a
fixed point of the orbit) and the corresponding different
frequencies. Accordingly, unstable two-dimensional
toruses exist in the compl ete phase space formed by the
partial phase spaces of the interacting oscillators.

The onset of phase synchronization is accompanied
by trapping of the frequencies of unstable periodic
orbits (for more detail, see[12]) and by the appearance
of resonance saddle cycles (either equiphase or not) on
the two-dimensional toruses. It was shown [12] that
only eguiphase resonance saddle m:n cycles (where m,
n=1,2,...) exist in abroad range of variation of the
coupling parameter, including the regions of phase syn-
chronization and lag synchronization. All other reso-
nance saddle cycles (including nonegquiphase m:m
cycles) exist in a relatively small interval of the cou-
pling parameter and break when this parameter
approaches a threshold of the lag synchronization.

There is ill an open question concerning the
behavior of atime shift between saddle orbits of the par-
tia systems forming a resonance cycle in the genera
phase space. The interest in answering this question has
been inspired by the results obtained recently [13] in the
study of a phase shift between synchronized spectral
components of interacting chaotic oscillators.

In the regime of lag synchronization, whereby the
state vector of one of the two coupled systems hasacer-
tain time lag relative to the state vector of another sys-
tem, x,(t) = X,(t + At), the time shift between the saddle
cycles with topological periods m in the coupled sys-
tems (corresponding to an equiphase resonance m:m
cycle in the general phase space) also proves to be At.
However, it is still unclear how this time shift behaves
in the regime of phased synchronization.

In order to analyze this problem, let us consider two
mutually coupled Rdssler systems occurring in the

1063-7850/05/3102-0117$26.00 © 2005 Pleiades Publishing, Inc.
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Fig. 1. Time series corresponding to an equiphase reso-
nance saddle m:m cycle with a topological period of m =2
for a coupling parameter of € = 0.07 corresponding to a
phase synchronization regime. The solid and dashed curves
show the saddle orbits in the first and second system,
respectively.
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Fig. 2. A double logarithmic plot of the time shift At
between synchronized saddl e periodic orbits versusthe cou-
pling parameter € of coupled Rossler systems (1), for the
orbits with the topological periods m = 1 (1), 2 (2), and
3 (3). The dashed line corresponds to power law (2) with an
exponent of n =—1.

dynamical chaos regime:

X12 = =Wy 5Y12—2Z1 2+ E(Xp 1= %q,2),
Yi2 = Wy X2t aY; o+ €(Yo1—Y1,2), 1
21, = P+2,(X,,—-0C),

where € is the coupling parameter, w; = 0.98, and w, =
1.03. The vaues of other control parameters were
selected asfollows: a=0.22, p=0.1,andc=85. Itis
known [14] that two coupled Rdssler systems (1) with
0.04 =< € = 0.14 occur in the regime of phase synchro-
nization; for € > 0.14, the same systems exhibit lag syn-
chronization.
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We have considered equi phase unstable saddle peri-
odic orbits with topological periods, incorporated into
chaotic attractors of the interacting chaotic oscillators.
The system of equations (1) was numerically integrated
using the fourth-order Runge—Kutta method. Unstable
saddle periodic orbits were separated using the SD
method as described by Schmelcher et al. [15, 16]. In
order to study the time shift between the unstable peri-
odic cycles, it is necessary to find synchronized orbits
simultaneously in both coupled systems. For this rea
son, the SD method was applied in a six-dimensional
phase space formed by the partial three-dimensional
phase spaces of the interacting Réssler oscillators.

Figure 1 shows the time series x; ,(t) corresponding
to a saddl e equiphase resonance m:m cycle with atopo-
logical period of m= 2 for a coupling parameter of € =
0.07, whereby coupled systems (1) exhibit phase syn-
chronization. As can be seen, there is a certain time
shift between the two curves. Let us consider the given
equiphase cycle for various values of the coupling
parameter. As € increases, the time shift At between the
synchronized orbits decreases; upon the onset of alag
synchronization regime, the time shift, as was noted
above, coincides with the time lag between the state
vectors of the interacting Rossler oscillators. It is
important to note that the dependence of At on € obeys
apower law,

At Oe", 2

where n = -1 in the entire range of variation of the cou-
pling parameter, in which the equiphase resonance sad-
dle2: 2 cycleexists. In other words, thisrelationshipis
valid in both lag and phase synchronization regimes.
An analogous behavior is observed for all egquiphase
synchronized unstabl e saddle orbits with other topol og-
ical periods m. It should emphasized that the time shift
At(¢) is the same for all equiphase saddle cycles, irre-
spective of their topological periods m.

Figure 2 shows adoublelogarithmic plot of thetime
shift At between synchronized unstable equiphase sad-
dle orbits with the topological periodsm=1 (1), 2 (2),
and 3 (3) versus the coupling parameter €. From this
plot, it is clearly seen that, first, the time shift At
between the unstable periodic trgjectories in the first
and second coupled systems as a function of € is
described by the power law (2) with the exponent n =
-1, irrespective of the topological period. For simplic-
ity, Fig. 2 presents the data only for three equiphase
saddle cycles with the minimum topological periods m,
but the time shift for the cycles with higher topological
periods behaves in the same manner. Second, the time
shift At for afixed coupling parameter € isthe same for
all synchronized equiphase orbits.

Thus, we have analyzed, in a particular case of two
mutually coupled Rosder systems, the time shift
between synchronized equiphase unstabl e saddle orbits
incorporated into chaotic attractors of coupled oscilla-
tors. It isdemonstrated that the dependence of thistime
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shift on the coupling parameter € is the same for all
cycles, irrespective of their topological periods, and is
described by the universal power law At ~ €™ with an
exponent of n=-1.

It should be noted that the obtained results agree
well with the conclusions[13] concerning the phase (or
time) shift between synchronized spectral components
of the Fourier spectra of mutualy coupled chaotic
oscillators in the course of lag synchronization. At the
same time, the problem of interrelation between the
behavior of the Fourier components and the dynamics
of saddle orbits incorporated into the given chaotic
attractor requires further investigation.
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Abstract—The simultaneous action of a concentrated mechanical load and a constant magnetic field leads to
achangein the shape of wedgelike twinsin bismuth crystals. In the absence of amagnetic field, thewedge angle
iscloseto zero, while application of the field makesthisangle closeto 180°. Thischangeis explained by asharp
increaseinthelinear density of twinning dislocations at the twin end. The effect ismanifested even after a2-min
exposure of aloaded sample to a magnetic field. © 2005 Pleiades Publishing, Inc.

Previoudly, we reported for thefirst time[1] that the
simultaneous action of a constant magnetic field and a
concentrated |oad leads to a decrease in the length of
wedgelike twins in single crystal bismuth. In order to
elucidate the nature of this magnetoplastic effect in the
course of twinning, we have studied the shape of twins
formed under prolonged action of an external load and
a constant magnetic field.

The experiments were performed with single crys-
tals of bismuth (99.97% Bi) having the shape of rectan-
gular prisms with dimensions 5 x 5 x 15 mm. In order
to ensure homogeneity of the applied magnetic field,
the samples were mounted at the geometric center of an
electromagnet core, in a specia holder made of non-
magnetic materials. In this position, the samplewas sit-
uated at a sufficiently large distance (10 cm) from the
stainless steel table of amicrohardness meter (PMT-3).
Direct measurements using a Hall transducer showed
that inhomogeneity of the magnetic field along the sam-
ple did not exceed 2%. In order to eliminate instrumen-
tal artifacts, all steel elements of the PMT-3 device
exposed to the magnetic field (Vickers pyramid holder,
loads on the indenter rod, etc.) were replaced by parts
made of nonferromagnetic materials.

A concentrated load was applied perpendicularly to
afreshly cleaved surface of the sample coinciding with
a(111) cleavage plane of the bismuth crystal. Loading
in this mode gives rise to lenticular twins of the
{110} (01 system, which readily grow in depth of the
crystal under the action of the applied load and form a
wedge upon emerging at the free surface. The magnetic
induction wasB = 0.2 T. Thetime of the crystal loading
under the indenter was varied within 0-5 min. The
shapes of wedged twins were studied in an electron
microscope. Each experimental point corresponds to
the results of measurements for the twins formed
around 20 marks of a diamond Vickers indenter. The
experimental error did not exceed 3%.

In the absence of an applied magnetic field, wedge-
like twins in bismuth crystals have wedge angles close
to zero. Figure 1 shows the typical shape of wedgelike
twins formed in a magnetic field. Examination of the
electron micrographs shows that the wedge angle at the
twin endiscloseto 180°. One possible factor leading to
a change in the twin shape is the establishment of a
thermodynamically equilibrium length of the wedgel-
ike twin. Evidently, the thermodynamic equilibrium of
atwin corresponds to a minimum surface energy of the
twin. The minimum surface area of the twin—-matrix
interface corresponds to a twin shape for which the
wedge angle increases and the twin length decreases.

TF744B72022

Fig. 1. Electron micrograph showing the typical shape of
twinsformed in abismuth crystal loaded in amagnetic field
(B =0.2T; indentation time, 5 min; magnification, x5000).

1063-7850/05/3102-0120$26.00 © 2005 Pleiades Publishing, Inc.
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The thermodynamically equilibrium shape of twins
is established as the twinning disl ocations bypass stop-
pers of various types and overcome dry friction forces.
According to this mechanism, dislocations have to wait
until appropriate thermal fluctuations release them
from stoppers. Application of the magnetic field favors
the release of atwin contour blocked by a stopper of the
paramagnetic type. Under the action of applied load,
twinning dislocations occurring in the adjacent twin
planes move from the mouth to the end of the twin. At
the same time, twinning dislocations at the twin end
start moving back under the action of surface tension.
Therefore, we may expect that the linear density of
twinning dislocations localized at the twin boundary
would decrease along the twin, except for a small
region at the end where this density is much higher.

Investigation of the twin shape makes it possible to
determine variation of the linear density p(x) of twin-
ning dislocations as afunction of the coordinate x along
thetwin [2]. Thisvalueis defined as [3]

p(x) = 90

a dx

where aisthe lattice parameter in the direction perpen-
dicular to the twin plane and h(x) is the twin width.
Therefore, by measuring h(x) values on the micro-
graphs, it is possible to determine p(x) at each point
along the twin. Following the method proposed in [2],
we determined p(x) by plotting h(x) and graphically
differentiating this function. The resulting curve of the
linear density of twinning dislocations is presented in
Fig. 2.

In the absence of a magnetic field, the linear density
of twinning dislocations on a twin boundary is p, =
3.5 x 108 mL. At theend of atwinwith length L (i.e., at
X = L), this density vanishes (p(L) = 0). In the applied
magnetic field, the linear density of twinning disloca
tions decreases to p, = 2.6 x 108 m™. As can be seen
from Fig. 2, p(x) exhibits a sharp growth in the region
of 0.8L < x < L and is ten times greater than p, a the
twin end.

Without an applied field, the thermodynamically
equilibrium twin length is established over severa tens
of hours [4], while exposure to the field decreases this
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Fig. 2. Variation of the linear density of twinning disloca
tions p(x) along the twin—-matrix boundary (1) without and
(2) with an applied magnetic field (B = 0.2 T). Indentation
time, 5 min.

time to 2 min. Apparently, the magnetic field removes
spin prohibition on the interactions between disloca
tions and point defects, releases twinning dislocations
from stoppers of the paramagnetic type, and accel erates
the establishment of thermodynamic equilibriumin the
system.
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Abstract—We propose a grid-stabilized plasma cathode based on a dlit-contracted |ow-pressure glow
discharge with hollow anode. The area of the plasma cathode is one order of magnitude higher than that in
systems where electrons are extracted immediately from plasmain the cathode cavity. Conditionsfor thedis-
charge initiation, the current switching to the hollow anode, and the obtaining of uniform emission from the
plasma cathode are determined. At an accelerating voltage of 160 kV, an electron beam with a 1000 x 180 mm
cross section, atotal current of several amperes, and a current pulse duration of up to 103 s was obtained. The
plasma cathode operates under technical vacuum conditions (air, 0.1 Pa) and ensures high stability and repro-
ducibility of the beam current pulses. © 2005 Pleiades Publishing, Inc.

Creation of a simple and reliable plasma cathode
with a large working area, capable of operating in the
range of pulse durations from 10° s to continuous
regime and in the range of emission current amplitudes
from 0.1 to 10 A and above, opens the way for the
development of technological electron-beam-preioniza-
tion lasers with controlled high peak power and pulse
duration. Since the energy efficiency of systems with
thermocathodes operating in pulsed regimes is low [1],
while the minimum currents of arc plasma emitters[2]
are on the order of tens of amperes, it was of interest to
study the possibility of utilizing glow discharge, which
is capable of operating in both a high-current pulsed
regime and alow-current continuous regime.

The lowest working gas pressure necessary to elim-
inate breakdown of the high-voltage gap is possible in
a glow discharge with hollow cathode, at an anode to
cathode arearatio =107 [3]. This condition hinders the
creation of a plasma cathode with alarge working area
(reaching ~100 cm? in some known systems of thistype
[4]). Violation of this relation between the electrode
areas limits the working voltage of an electron acceler-
ator on alevel determined by the gas breakdown condi-
tions [5]. Use of the anode plasma in a discharge con-
tracted by asmall holeleadsto considerableinhomoge-
neity of the plasma, while generation of the anode
plasmain amultichannel discharge operation regimeis
possible only within a limited range of the discharge
current [6]. It is also possible to use several cathode
chambers with a common hollow anode [7], but the
need for providing autonomous electric power and gas
supply to each chamber complicates the use and
decreasesthe reiability of such plasma cathode systems.

In this paper, we describe a plasmacathode in which
the current of the glow discharge with hollow cathode
isflowing to the anode viaalong dlit. A nearly uniform

discharge current distribution along the it ensures the
generation of a homogeneous anode plasma in the dlit
axis direction, thus making possible the creation of a
large-area plasma emitter due to a transverse diver-
gence of the electron flow in the anode discharge
region. The transverse inhomogeneity of plasma emis-
sion is corrected using a grid with variable trans-

parency.
The proposed electrode system of glow discharge
(Fig. 1) comprises hollow cathode 1 with a diameter of

Fig. 1. Schematic diagram of the electrode system of the
plasma cathode for an electron accelerator: (1) cathode;
(2) anode; (3) grid; (4) tungsten filament; (5) case.

1063-7850/05/3102-0122$26.00 © 2005 Pleiades Publishing, Inc.
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200 mm and alength of 1000 mm and hollow anode 2.
A part of the anode surface (180 x 1000 mm) is covered
by metal grid 3, which can beinsulated from the anode.
The discharge is initiated by tungsten wire 4 extended
along the cathode axis, which is connected via resistor
R to a positive output of the discharge power supply
source. The cathode has a 1000-mm-long dlit with a
width varied within h = 10-40 mm. The electrode sys-
tem of the glow discharge is arranged inside case 5
occurring at the anode potential. The working gas leaks
to a cathode cavity. The length of high-voltage gapsin
the vacuum chamber is 80-100 mm. The system is
evacuated by an oil diffusion pump without a liquid
nitrogen trap.

The steady-state discharge is established upon initi-
ation of the glow discharge between the filament and
cathode, followed by the discharge development
toward the anode. The discharge initiation voltage was
2.6-1.5kV at aworking air pressure of (4—6) x 102 Pa.
As the overvoltage on the gap (1-2.5 kV) and the gas
pressure increase, the discharge delay time decreases
from 200 to 50 ps. The time of the discharge current
switching to the anode depends on the resistance R: as
the Rvalueis decreased from 1 to 0.1 kQ, the filament
current increases and the switching time decreases to
20-30 ps (Fig. 2). Fast switching at low gas pressures
takes place for R = 0, but the filament current |, in this
case increasesto 1/3 of the discharge current. Theinflu-
ence of R on thetime of current switching to the anode
is determined by the ion space charge sheath dynamics
in the cathode cavity. An increase in the filament cur-
rent I, and the corresponding decrease in the plasma
potential (by RI;) lead to a decrease in the cathode
sheath thickness and a potential barrier height in the
cathode aperture. This leads to an increase in the cur-
rent of fast electrons (penetrating into the anode cavity)
and in the reverse ion current, which eventually results
in breakage of the cathode sheath and in the current
switching to the anode [8]. The greater the initial cur-
rent in the filament circuit and the higher the gas pres-
sure, the faster the discharge switching to the anode. In
the steady-state regime, the potential difference
between the cathode and anode plasmasis 10-40 V.

The stable operation of discharge with anearly uni-
form current distribution along the dit is achieved for
dit dimensions such that its areais one order of magni-
tude greater than that corresponding to the optimum
ratio of the anode and cathode surfaces, S/S, ~

(M;/my)¥2, where M; and m, are the ion and electron
masses, respectively [3]. A decrease in the dit width
leads to contraction of the discharge; an increase in the
dlit width leads to a growth in the minimum working
gas pressure and the discharge voltage. Stable operation
of the glow discharge at a large dlit width is aso pro-
vided by the screening effect of the cathode sheath,
whose thickness in the discharge with electron oscilla-
tions may exceed that estimated using the Child-Lang-
muir law.
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Fig. 2. Plots of the time of discharge current switching to
the anode versus filament current in argon at a pressure of

(1)5x102and (2) 2.2 x 102 Pa
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Fig. 3. Transverse (1, 1') and longitudina (2, 2) electron
beam current density profiles: (1, 2) with 0.6 x 0.6 mm
mesh grid, beam current 0.65 A; (1', 2') with an additional
correcting grid, beam current 0.43 A. Cathode aperture,
40 mm,; discharge current 1 A; accelerating voltage 1 kV;
accelerating gap width, 4 cm; argon pressure, 0.05 Pa.

Figure 3 shows the electron beam current density
profiles obtained in a prototype with a 350 x 200 mm
grid. The inhomogeneity of these distributions in the
direction paralel to the dit was ~10% of the maximum
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current over a distance equal to 0.6 of the cathode
length. Thefull width at half maximum (FWHM) of the
transverse profile was 100120 mm at a dlit width of
40-20 mm and a grid-dlit spacing of 100 mm.
A decrease in this spacing and in the glit width makes
the transverse profile more inhomogeneous. Using the
grid with variable transparency for the correction of the
transverse profile of the emission current density, it is
possible to significantly decrease the inhomogeneity of
emission (Fig. 3, curves 1' and 2).

The proposed system, aswell asthe arc plasmacath-
odes with a positive anode potential drop, make possi-
blethe grid control of the plasma cathode emission [9].
By applying a pulsed voltage between the grid and the
anode, we obtained electron emission current pulses
with a current buildup time determined by the front
width of the control pulse (several microseconds).

High-voltage tests were performed at a constant
accelerating voltage of 160 kV in a periodic-pulsed
regime of the electron beam generation at a frequency
of 1-10 Hz. The working gas was air at a pressure of
0.06 Pain the accelerator chamber. For a current pulse
duration of 0.4-1 ms, we obtained an electron beam
with a total current of several amperes. The current
amplitude variation from one pulse to another did not
exceed 10%, while the pulse duration instability related
to a statistical scatter of the discharge initiation time
amounted to several tens of microseconds. The large
leading and trailing front durations (>100 ps) can be
decreased to several tens of microseconds by optimiz-
ing the pulsed transformer and to several microseconds
by using the grid control. The electron extraction effi-
ciency, defined as the ratio of the beam current to the
glow discharge current, was 0.5 for a grid mesh of
0.2 x 0.2 mm and an accelerating gap width of 80 mm.
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The proposed plasma cathode offers the following
advantages: (i) simplicity and reliability of operation;
(i) long working life and stable operation under techni-
cal vacuum conditions; (iii) high stability and reproduc-
ibility of the pulse shape; (iv) broad range of controlled
variation of the pulse duration and beam current ampli-
tude.
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Abstract—Experimental kinetics of the current and charge transferred via a phosphor layer in ZnS:Mn elec-
troluminescent thin-film emitters have been numerically simulated using a model time dependence of the cur-
rent of electrons tunneling from the surface states at the insulator—semiconductor interface. It is found that,
asthefield strength increases, the depth of the surface states changes from ~0.6 to 1.3 €V, the electron tunnel -

ing probability increases from 10-15 to 300-400 s2, and the potential barrier width decreases from 9 to

5.7 nm. © 2005 Pleiades Publishing, Inc.

Introduction. The optical emission in electrolumi-
nescent thin-film (ELTF) devices based on a ZnS:Mn
structure of the metal—insulator—semiconductor—insu-
lator—metal (MISIM) type is determined by the tunnel-
ing of charge carriers from the surface states in the
near-cathode region of the insulator—semiconductor
interface in a strong electric field. Thisis followed by
the avalanche multiplication of charge carriers due to
impact ionization of the intrinsic structural defects and
impurities, with simultaneous impact excitation of
Mn?* emitting centers[1]. An exact theoretical descrip-
tion of the process of electron tunneling from the sur-
face states and the parameters of the potential barrier at
the insulator—semiconductor interface has not been
developed so far. There were attempts to model these
processes [ 2, 3] with neglect of the electron multiplica-
tion in the phosphor layer and with the assumption that
the surface states correspond to a discrete level with an
energy of E; = 0.8 eV below the conduction band bot-
tom of ZnS:Mn. The results of these simulations quali-
tatively agree with the published experimental data.
The dependence of the tunneling emission rate on the
field strength was also modeled in [4], where it was
shown that the surface states can be localized on the
energy levels 0.6-0.9 eV below the conduction band
bottom. Based on qualitative agreement between the
results of modeling and the experimental current and
voltage kinetics in ELTF emitters excited by a sinusoi-
dal voltage, the energy of the surface states was also
evaluated at E; = 1.05 eV with a possible scatter from
0.9to 1.2 eV [5]. In [6], the hysteresis in the voltage—
luminance characteristics of ELTF emitters was simu-
lated assuming a uniform distribution of the density of
surface states in the interval E; = 0-2 eV and their uni-
form filling up to the Fermi energy in the equilibrium
state.

The aim of this study was to determine the charac-
teristics of the electron tunneling and the parameters of

surface states in the near-cathode region of the insula-
tor—semiconductor interface.

In order to determine these characteristics and param-
eters, we will use the kinetics I (t) of the current passing
via the phosphor layer. It was demonstrated [7, 8] that
the initial region of rapid increase in I,(t) upon ELTF
emitter excitation by a linearly increasing voltage is
described by an exponent. In the same region, the time
variation of the average field in the phosphor, F(t), is
almost linear (seeregion | in Fig. 1), which is evidence
for the absence of a significant space charge in the
phosphor and a homogeneous field distribution in this
layer. Taking into account that the voltage drop across
the phosphor layer (~45-120 V) significantly exceeds
the Ey/q value (E; = 3.7 eV is the bandgap width of
ZnS:Mn and g isthe electron charge), we conclude that
the same field F(t) actsin the region of a potential bar-
rier in the near-cathode region of the insulator—semi-
conductor interface.

For a homogeneous field in the phosphor layer, the
coefficient a,, of electron impact ionization in thislayer
can be expressed as

100, _1Mp—Mpo_ 1y 10

nAx n, d, ~dO M @)

where n,, and n, are the densities of electrons entering
into the region of impact ionization and leaving this
region, respectively; dj isthe phosphor layer thickness,
and M = ny/n,, = condt is the electron multiplication
coefficient.

Under these conditions, the current of electrons
entering into the region of impact ionization (that is, the
tunneling current of electrons from the surface statesin

1063-7850/05/3102-0125$26.00 © 2005 Pleiades Publishing, Inc.



126 GURIN et al.

F,, V/m @
1.2 x 108 2.0x 108
8.0 x 107 1.6 x 108 2.4 %108
14 T T T T T . 4 X 1076
o 3 I II' J120
100 43 106
80
> 6 <
60 - 42x10 6 &
40
_ -6
20 1x10
0.6L° . L 1° 1o
0.002 0.004 0.006 0.008 0.010
1,8
F,, V/m (b) F,, V/m ()
1.2 x 108 2.0x 108 1.2 x 108 2.0x 108
0 08.0 x 107 1.6 x 108 2.4 x 15)5%5 10f 4008.0 x 107 1.6 x 108 24 %108
. T T T T T DX T T T T T
% o5 v .6 I 71 1120
8.5F 8 , 1 350} ,
% 05 o6
8.0 % 42.0x 108 300 1100
g75r ’”ﬂa% . 250+ 180
Q Hi 8 ; Tm 1 e >
> 7.0 41.5% 10 .~ 200} 160 <
< 6.5 = 150+
! Jrad =40
6.0 Tty {1.0%10° 100 .7
55 y 501" 120
50 | ! ! ?15.0x 107 (Obo_tna o emmeeemmm . 0
0.002 0.004  0.006 0.008 0.010 0.002 0.004 0.006 0.008 0.010
1,8 t,s

Fig. 1. Timevariation of the functions: (1) U(t); (2) Ip(t); (3,3) E(t); 4 Fp(t); (5, 5) x(t) (in—Al regime); (6, 6") W(t) in +Al and —Al
regimes, respectively. Regions| and 11 correspond to alinear and sublinear variation of Fi,(t), respectively; M = 1.5 (3, 5); 1 (3, 5).

the near-cathode region of theinsulator—semiconductor  emitters[5, 9]:
interface) is given by the formula

0 4,/2m* EZ%(1)7,
W(t) = C (@
_ () _ gany(h) ® 2 /2m*Et(t)eXp[ 3ahF(t) } )
o) = =7 = M a1 @)

Qp(t) = J‘O |, ()dt is the charge passing through the

At the same time, an expression for | (t) can be Phosphor layer; Qg is the charge accumulated on the
obtained from akinetic equation describing the tunnel- ~ Surface states; n* = 0.34m, [9] is the effective electron
ing of electronsfrom the surface statesviathe potential  mass for ZnS; m, is the electron rest mass; and #i is the

barrier: Planck constant.
Owing to a homogeneous distribution of the field
Q. (1) Fy(t) in the phosphor layer, we can ignore the formation
Ipo(t) = W(t)[QSS— R/I ] (3) of aspace charge in region | by means of the impact

ionization of deep centers (related to the intrinsic
defects [11]). Therefore, no additional charge carriers
where W(t) is the probability of tunneling per unit time ~ ae generated in thislayer and, hence, M = 1.

(i.e., the electron generation rate), which can be deter- Equations (2)—(4) were used for numerical model-
mined using aformulasuccessfully used for ZnS-based  ing of the experimental kinetics 1,(t). The obtained
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functions Qy(t) and F(t) were used to determine the
characteristics of electron tunneling, Ej(t) and W(t),
and the potential barrier width x(t), defined as

Eq(t)
qF(t)’

The experimental curves were measured using
ELTF emittersdescribed in [10, 11]. The sampleshad a
MISIM layer structure, where M layers represent a
lower transparent 0.2-um-thick SnO,-based electrode
deposited onto a glass substrate and the upper nontrans-
parent thin-film Al electrode with a thickness of
0.15 pm and a diameter of 1.5 mm; Sis the 0.48-um-
thick electroluminescent ZnS:Mn (0.5 wt %) layer; and
| are the 0.17-um-thick insulating ZrO,~Y,0O,
(13wt %) layers. The ZnS:Mn phosphor layer was
obtained by thermal evaporation in a quasi-closed vol-
ume in vacuum and deposition onto a substrate heated
to 250°C, followed by annealing for 1 h at 250°C. The
upper nontransparent metal electrode was also formed
by thermal deposition in vacuum, while thin insulating
layers were prepared using the electron-beam deposi-
tion technique.

X(t) = ©)

The ELTF emitters were excited with alternating-
sign voltage pulses of atriangular shape. The excitation
signal U(t) represented pairs of triangular pulses with a
frequency of 20 Hz. Inthefirst half-period, either apos-
itive or negative excitation half-wave could be applied
to the upper electrode, whichisreferred to asthe +Al or
—Al regime, respectively. The time interval T between
excitation pulse trains was T, = 100 s. The emitter cur-
rent | (t) was measured as described in [7, 8, 10, 12].

The time variation of the average field F(t) in the
phosphor layer, the current 1,(t), and the charge Q(t)
passing through this layer during ELTF emitter opera-
tion were determined for the first half-period of U(t) as
described elsewhere [7, 12], using preset values of
capacitances of the insulating films (730 pF) and the
phosphor layer (275 pF) determined using an immit-
tance meter of the E7-14 type and the known ELTF
emitter geometry. The 1,(t) curves were numericaly
simulated using the values of Q¢ = (1.7-1.9) x 10°Q
determined previously [11] and two values of the mul-
tiplication coefficients, namely, M =1 and 1.5 (the latter
value was obtained [11] for the excitation signal ampli-
tudeU = 160V).

The results of numerical calculations are presented
in Fig. 1. Inthe initial region I, where the current I(t)
exhibits exponential growth and the function F(t) is
almost linear (up to ~9 ms), the increase of t or F(t) is
accompanied by a monotonic increase in the depth of
surface states, whereby E(t) changes from ~0.6 to
~1.3 eV (seeFig. 1a; an anal ogous behavior is observed
for E(t) in the +Al regime). Simultaneously, the poten-
tial barrier width x,(t) in the near-cathode region of the
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insulator—semiconductor interface decreasesfrom ~9to
~5.7 nm in both the +Al and —Al regimes (see Fig. 1b),
while the tunneling probability W(t) increases from 10
to 300 s (inthe—Al regime) and from 15t0 400 s (in
the +Al regime) (see Fig. 1c). These results, on the one
hand, agree with the af orementioned data [2—6] and, on
the other hand, show evidence for a more complicated
character of the energy distribution of surface states as
compared to that according to the discrete level model
and the model of uniform energy distribution. Note also
that our results are indicative of aweak influence of the
multiplication coefficient M (varied between 1 and 1.5)
on the E,(t) and x,(t) functions.

Finaly, it should be noted that the validity of for-
mula (4) determining the probability W(t) may suggest
that electrons in the surface states are bound to neutral
centers [9]. Our data indicate also that all levelsin the
bandgap of ZnS:Mn, which correspond to the intrinsic
defects with energies <1.3 eV below the conduction

band bottom (e.g., Zn’ (0.10-0.12 eV); Zn’ (0.2 eV);

Vs®(0.2-1.05eV) [8]), can be depleted in the region of
exponentia growth of the current | (t) (region I) as a
result of electron tunneling from these statesto the con-
duction band of ZnS:Mn.
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Abstract—We have studied the effect of implanted phosphorus ions on the crystallization of thin amorphous
silicon films under the action of nanosecond radiation pulses of a XeCl excimer laser. The amorphous silicon
films with a thickness of 90 nm, obtained by plasmachemical deposition on glass substrates, were implanted
with phosphorusions at adose of 3 x 10* and 3 x 10'® cm. The subsequent laser treatments were performed
using energies both above and below athreshold corresponding to the fusion of amorphous silicon. The struc-
ture of the silicon films was studied using Raman scattering spectroscopy. An analysis of the experimental data
shows that implanted phosphorus stimulates nucleation, especialy in the case of liquid phase crystallization.
Theresults are of interest for the development of the technology of thin-film transistors on nonrefractory sub-

strates. © 2005 Pleiades Publishing, Inc.

In recent years, large-scale microelectronics has
been among the most rapidly developing fields of mod-
ern electronics. Thisisrelated primarily to the growing
production of flat displays and indicators for data visu-
alization. The most promising control elementsfor both
liquid crystal and laser diode displays of the new gen-
eration are provided by active matrices of thin-film
transistors based on amorphous or polycrystalline sili-
con. In this context, the problem of shallow impurity
activation in thin films of amorphous and polycrystal-
line silicon with a view to the doping of the source and
sink contact regionsis still of considerable importance.
Traditionally, shallow impurities are activated by
means of heat treatment (furnace anneals) under rather
high thermal load conditions involving temperatures
above 900°C and durations above one hour. Such treat-
ments are inapplicable in the case of cheap nonrefrac-
tory glass substrates. In this case, it is possible to apply
pulsed treatments using excimer laser radiation [1].
This approach is also advantageous for the creation of
ultrashallow p—n junctions (see, e.g., [2] and references
therein). For the creation of thin-film transistors,
dopants can be introduced in concentrations on the
order of 10%° cm3. Asis known, both donor and accep-
tor impurities in such concentrations influence the
kinetics of crystallization exhibited by amorphous sili-
con in the course of heat treatments [3-5].

The aim of this study wasto determine the influence
of phosphorus on the crystallization of thin amorphous
silicon films under the action of nanosecond radiation
pulses of a XeCl excimer laser.

The effects of shallow impurities on the nucleation
and crystallization kinetics and the process of impurity
activation under the action of pulsed laser radiation
were studied on aseries of specially prepared structures
based on nonrefractory glass substrates. The rear elec-
tric contact was formed by vacuum deposition of athin
aluminum film onto glass. Then, an amorphous silicon
film with athickness of 90 nm was obtained by means
of plasmachemical deposition. The thickness and opti-
cal parameters of this film were determined by ellip-
sometry using aHe—-Nelaser (A = 633 nm). These sam-
ples were implanted with phosphorus ions at a dose of
3 x 10" and 3 x 10% cm at an ion beam energy of
30 keV. The average range of phosphorus ions in the
target (calculated using the standard TRIM routine)
was about 500 A, so that the maximum of theimplanted
ion concentration profile occurred approximately in the
middle of the silicon layer. During implantation, 1/3 of
the sample surface area was screened and remained
undoped (for comparison).

The structures of the sample films were studied by
Raman spectroscopy. The measurements were per-
formed at room temperature in the quasi -backscattering
geometry. The polarization characteristics of the scat-
tered light were not studied. The Raman spectra were
excited using radiation of an Ar laser operating at A =
514.5 nm.

Both implanted and unimplanted regions of the
samples were subjected to pulsed laser treatments per-
formed using a XeCl excimer laser operating at awave-
length of 308 nm. The laser pulse duration (full width

1063-7850/05/3102-0128$26.00 © 2005 Pleiades Publishing, Inc.
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at half maximum) was below 25 ns. The samples were
treated in three regimes differing by the energy density
per pulse (p). Inregime A, the laser energy density was
sufficiently high to melt the material virtually through
the entire slicon film thickness (single pulse); in
regime B, p was also above the melting threshold of
amorphous silicon, but insufficient to melt it through
the entire film thickness (single pulse); in regime C, p
was below the melting threshold of amorphous silicon
(ten pulses). According to published data, a threshold
energy density sufficient for the onset of nonlocal
melting of amorphous silicon is 120-150 mJ/cn? [6].
Using the laser processing regime employed in this
study, it is possible to perform crystallization of thin
amorphous silicon films on nonrefractory (even plas-
tic) substrates[7, 8.

Figure 1 showsthe typical Raman spectraof theini-
tial amorphous silicon film (curve 1) and the films stud-
ied immediately after implantation with phosphorus
ions at a dose of 3 x 10 cm™ (curve 2) and 3 x
10% cm? (curve 3). Owing to the absence of the trans-
lational symmetry in amorphous silicon, the optical
transitions in this material are not restricted by the law
of quasi-momentum conservation. For this reason, the
Raman spectrum of amorphous silicon in the optical
domain is characterized by the effective density of
vibrational states and appears as a broad band with a
maximum at 480 cm™ [9]. The intrinsic vibrational
modes of silicon nanograins are spatially localized, and
the position of their Raman band maximum depends on
the nanograin size. As the nanograin size increases
above 50 nm, the position of this maximum isvirtualy
the same as that in the spectrum of crystalline silicon
(~520 cm™) [10]. The width of the Raman band is
determined by the dispersion of nanograin dimensions
and by the uncertainty relationship between the energy
and wavenumber, which isrelated to afinite lifetime of
phonons and their spatia localization. The intensity of
the “crystalline” component is proportional to the frac-
tion of the nanocrystalline phase.

As can be seen from Fig. 1, theinitial film contains
no nanocrystallineinclusions. lon implantation leads to
a certain decrease in the Raman signal intensity, while
the greater ion dose also produces some shift and
broadening of the band. As is known, the width of the
“amorphous’ band depends on the mean deviation of
the S—Si bond length from that in the ideal tetrahedral
configuration [11]. Therefore, the observed broadening
can be related to an even greater extent of the disorder
resulting from the ion bombardment. According to the
results of ellipsometric measurements, the refractive
index of the initial film is 3.15, which coincides with
the value for hydrogenated amorphous silicon contain-
ing about 10-20% of atomic hydrogen. The implanta-
tion with phosphorusions at adose of 3 x 10> cm led
to acertain decreasein therefractiveindex (to 3.05) and
an increase in the absorption coefficient.
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Fig. 1. Raman spectraof amorphoussilicon films (1) ion the
initial state and (2, 3) implanted with 30-keV phosphorus
ions at adose of 3 x 101 and 3 x 101 cm™, respectively.
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Fig. 2. Raman spectra of (1) initial slicon film and
(2, 3) films implanted with 30-keV phosphorus ions at a

dose of 3 x 10 and 3 x 10'® cm, respectively, measured
after pulsed laser treatment in regime A (complete melting).

Figures 2 and 3 show the Raman spectra of unim-
planted silicon films and the films implanted with dif-
ferent doses of phosphorus ions measured after pulsed
laser treatments in the regimes with an energy density
above the melting threshold. The main conclusions
derived from the Raman spectroscopy data for these
laser-treated samples are as follows. In regime A
(almost complete melting) (Fig. 2), the implantation of
phosphorus to an average concentration of 3.3 X
10 cm (corresponding to a dose of 3 x 10* cm™)
virtually did not influence the crystallization of amor-
phous silicon films. In contrast, the filmsimplanted at a
dose of 3 x 10'®> cm remained practically amorphous.
At the same time, the results of ellipsometric measure-
ments showed that the refractive index of these films
increased to 3.15 and the absorption coefficient exhib-
ited an almost twofold growth as compared to that in
the initial samples. According to published data, phos-



130

L -2 p

1, a.u.
T

380 400 420 440 460 480 500 520 540 56

Vv, cm”

1

Fig. 3. Raman spectra of (1) initial slicon film and
(2, 3) films implanted with 30-keV phosphorus ions at a
dose of 3 x 101 and 3 x 10'® cm 2, respectively, measured
after pulsed laser treatment in regime B (partial melting).
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Fig. 4. Raman spectra of (1) initial slicon film and
(2, 3) films implanted with 30-keV phosphorus ions a a

dose of 3 x 10 and 3 x 10'® cm?, respectively, measured
after pulsed laser treatment in regime C (below melting
threshold).

phorus accelerates crystallization during both furnace
and laser anneals, provided that the annealing tempera-
ture is below the melting point of silicon [3-5, 12].
Apparently, the role of phosphorus in the process of
laser annealing involving the formation of a melted
phase is asfollows. The average concentration of phos-
phorus atoms in the film implanted at a higher dose is
3.3 x 10%° cm3. Assuming that, beginning with a cer-
tain critical concentration, each phosphorus atom
serves as a center of nucleation of the crystalline phase
in the melt, the distance between such nuclei at this
implanted dose is about 14 A. Accordingly, the average
grain size should be on the same order of magnitude.
However, this value is comparable with (or even
smaller than) the correlation length (a parameter of
order) in the amorphous silicon (10-15 A [13]). There-
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fore, the film will exhibit amorphization (as a result of
avery large probability of nucleation) upon supercool-
ing. This process is analogous to the amorphization of
silicon taking place asaresult of strong heat dissipation
in strongly supercooled solutions [14]. Similar beha
vior is observed in Fig. 3 for the laser treatment in
regime B (where the laser energy density was also
above the melting threshold of amorphous silicon but
was insufficient to melt it through the entire film thick-
ness). The only difference from the previous case was
that the presence of phosphorus implanted at a dose of
3 x 10 cm? led to an increase in the crystallization
rate.

It is interesting to compare these results to the
behavior of amorphous silicon films implanted with
phosphorus ions to the same doses and then laser-
treated in regime C, whereby the laser energy density is
below the film melting threshold. The Raman spectros-
copy data for these samples are presented in Fig. 4.
Using the ratio of integral intensities of the “amor-
phous’ and “ crystalline” signal components, it is possi-
ble to estimate the volume fraction of the crystalline
phaseinthefilmsstudied [7, 11]. Thisfractionis about
20% in the unimplanted silicon film and about 25% in
the film implanted with phosphorus. Thus, in agree-
ment with published data, phosphorus accel erates crys-
tallization in the solid-phase regime. It should be also
noted that the position of the “crystalline” peak in the
unimplanted film (516 cm™) differs from that in the
implanted sample (513.5 cm™). Moreover, the latter
peak is also additionally broadened, which indicates
that the grain size in the film implanted with phospho-
rusis smaller than in the unimplanted sample. This can
berelated to an increasein the probability of nucleation
in the presence of phosphorus: the higher the density of
nuclei, the lower the grain size. The laser treatmentsin
al regimes led to an increase in the conductivity of
phosphorus-implanted films by several orders of mag-
nitude. This suggests that these treatments converted
shallow impurity (phosphorus) into an electrically
active state.

It should be emphasized that this activation of the
impurity was performed in the films deposited onto
nonrefractory substrates (with aglass softening temper-
ature below 350°C). Using this approach, it is also pos-
sible to activate shallow impurities in silicon films
deposited onto substrates having even lower softening
temperatures. Another advantage of thisapproachisthe
short duration of treatments. During a treatment time
on the order of tens of nanoseconds, the impurity can-
not travel over long distances, which is especialy
important for the creation of shallow p—n junctions.

Thus, we have demonstrated that implanted phos-
phorus significantly increases the probability of nucle-
ation in the case of aphase transition involving the for-
mation of a liquid (melt) phase of silicon (high laser
energy densities). Inthe case of laser treatmentswith an
energy density below a threshold corresponding to the
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fusion of amorphous silicon, the influence of implanted
phosphorus consists in increasing the rate of crystalli-
zation. In both cases, exposure to excimer laser radia-
tion leads to activation of the implanted impurity.
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Abstract—Quasi-stationary nonlinear variation of the density of filled electron traps in the course of thermi-
onic emission from the surface oxide layer on a metal cathode is theoretically described. Expressions for the
electron affinity, energy, and density of electron trapsin this dielectric layer are obtained. Numerical estimates
of the electron trap parameters are obtained based on the results of measurements of the temperature depen-
dence of thermionic emission from the porous surface oxide layer of aniron—nickel alloy. © 2005 Pleiades Pub-

lishing, Inc.

The kinetics of thermionic emission from the sur-
face dielectric oxide layer on a metal electrode can be
described [1-3] in terms of the quasi-stationary approx-
imation of the Blokhintsev equation for conduction
electrons. Previously, the energy of electron traps has
been determined in alinear approximation with respect
to the density of occupied traps, assuming that their
number is small relative to the total density of electron
traps[1, 4]. However, this linear description is inappli-
cable in the case of inhomogeneous dielectric layers
where the time of emission of the conduction electrons
is much shorter than the time of their capture on the
empty traps. Investigations of the temperature depen-
dence of thermionic emission from thin inhomoge-
neous materials are advantageous over the traditional
measurements of thermostimulated currents, since the
emission currents are six to seven orders of magnitude
lower than the latter currents and are not influenced by
contacts [5].

This Letter presents an attempt at a theoretical
description of the parameters of electron traps in the
case of a nonlinear variation of their density in the
oxidelayer. Theresults are applied to aporous oxide on
the surface of an iron—nickel aloy used in liquid and
gasfilters.

Electron trap parameters. The variation of the den-
sities of free electrons (N), traps (v), and emission
current (J) is described by the following system of equa
tions[1, 2]:

dN
ot = pv—A;(vi=V)N-AN, (1
dv _
ot - —pv + A (vi—V)N, (2
J = LA,N. 3

Here, p = peexp(—/KT) isthe probability of thermal ion-
ization of an electron trap with an energy € below the

conduction band bottom in the oxide, A; = 0./2kT/m
is the probahility of electron capture by an empty trap,
mis the effective electron mass, o is the effective cap-
ture cross section, A, = a, Texp(=x/KT) isthe probability
of electron emission from afilled trap into vacuum, X is
the electron affinity, v, isthe total density of empty and
filled traps, and L is the emitting layer thickness.

In the quasi-stationary case (dN/dt = 0) at aconstant
rate of sample heating (b = dT/dt = const) and a small
number of filled electron traps (v < v,), Egs. (1) and (2)
can be reduced to the following equation:

dv PA, PA
a7 " 2b(Av, + A" T 3b(AN, + A"

=0. 4

Under the assumption that A, > A;(v; — V), this equa
tion simplifiesto

dv  prAvi O PA; 2
aT 260a, ¥ *3paY T O ©)
and has the following solution:
ET BaTH Tc ET BATHAT + L ; 6)
vV = ex ex =,
£ Eha: e
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where
_p [Alvl &P exp(x/KT)
" 2b 1= Zb[ JT 1} ™
PA; _ a,pexp(x/KT)
C= = 8
3A; - 3u.bT ®)

- v
a Nm’

and v, istheinitia density of filled traps.

Using expressions (3) and (6), the temperature
dependence J(T) of the emission current density can be
written as

J = Lpv. 9

Taking the first derivative of J(T) with respect to the
temperature and equating it to zero, we obtain the fol-
lowing expression for the maximum current density:

3LAw 2be A1mV1 Py
2Ay E‘(Ti,l Ay U

where T, isthe temperature corresponding to this max-
imum.
Theratio of thederivative J; of the emission current

density with respect to the temperature, taken at the
temperature T;, to the emission current density at this
temperature can be written as

+ Aivip;
Agi

Jy = —pu + (10)

i_ 1 Pbe

Ji ZbEkT P
Equations (11) relative to € and X are valid at any non-
zero temperature (T; # 0) such that J; # 0. Introducing
the notation a; = J/Jy,, B = T/Ty, and vy, = J;/J,, and
using Egs. (10) and (11), we obtain arelation

2A
1i JD

s Y

X m .0
D. _A L~ E
/\/E ,exp[ kTngi 1[|i|+a| M
. (12)
= %0 p X
2b, /Ty KTw
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X, eV
12 -

10

T
-

_2 1 1 1 1 1 1
1.182 1.183 1.184 1.185 1.186 1.187 1.188
g, eV

Graphical solution of a system of two equations (14):
(a, €) X(€) curve constructed for the pair of temperatures T,

T, using (+) and (-) signsat theroot in the numerator on the
right-hand side, respectively; (b, d) same for T,, T3. The
arrow indicates a physically meaningful solution in the
region of positive x.

where
v+ P_E = be _Pu
ST kT2 " kT 2
Fi = pi—0ipu-

For two temperatures, T, and T,, related as
T, = 2T+ T (13)

a solution to the system of equations (12) with T, =T,
T, can be expressed as

KTuT, In

JBoF1D; £ JBo(F1D,)” — 4/B1F,D1 By (01F ~ 0oFy) |

(14)

X(e) = 725 [

Using the system of equations (12) with T, = T,, T
related by a condition analogous to formula (13), we
obtain another function x(€) of type (14). A graphical
solution of the system of two equations of the type of
Eq. (14) givesthe values of x and ¢.

Finally, we can use expression (9) for determining
Vo and v, for a given emission current density J. The

TECHNICAL PHYSICS LETTERS Vol. 31  No. 2

2,/B.F,D;

value of a, in Eq. (6) and (9) can be calculated using
relation (12) for a given temperature and the values of
X and € determined as described above.

Experimental results and numerical estimates.
Experiments with an oxidized iron—nickel aloy
showed the typical dome-shaped temperature depen-
dence of the thermionic emission current measured
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with a channeltron in the range of currents (1-10%) x
10° A at a constant heating rate in a vacuum of
10°Pa. The observed behavior of the thermionic
current density was in qualitative agreement with rela-
tion (9).

For a heating rate of b = 0.23 K/s, the maximum of
the emission current was observed at Ty, = 612 K. The
values of the parameters a;, [3;, and y; determined from
the plot of J(T) for T, =562 K, T, =584 K, and T; =
598 K wereasfollows: a; =0.42, 0.72, 0.90; 3, = 0.918,
0.954, 0.977; y; = 0.023, 0.021, 0.014 fori =1, 2, 3,
respectively. The graphical solution of a system of two
equations (14) for the pairs of temperatures T, T, and
T,, Tsisillustrated inthefigure. Thissolutionyieldse =
1.187 eV, X = 1.154 eV, and a, = 10° K*2, which are
closeto the published reference valuesfor iron oxide[6].

The densities of traps were calculated using for-
mula (9) for L =108 m, J; = 10° m? s? (measured at
T=T),andJ,=1.7x10°m?s? (measuredat T=T,).
These values (v, = 2.3 x 10 m= and v, = 1.0 x

TECHNICAL PHYSICS LETTERS  Vol. 31
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10'® m3) are consistent with real values. Therefore, the
proposed method of thermionic emission can be used
for the characterization of electron traps in inhomoge-
neous porous oxides of iron-based alloys.

REFERENCES
1. S. N. Nagornykh, M. E. Gerenrot, and |. E. Kurov, Fiz.
Khim. Obrab. Mater. 5, 32 (1982).

2. V.V. Bichevin, in Radiation-Induced Phenomena in Sol-
ids (Ural’'sk. Politekh. Inst., Sverdlovsk, 1980),
pp. 17-23 [in Russian].

3. B. M. Nosenko and V. Ya. Yaskolko, Tr. Tashkent. Univ.
221, 84 (1963).

4. J. Kanturek, Czech. J. Phys., No. 6, 349 (1956).

T. V. Panchenko, Fiz. Tverd. Tela (St. Petersburg) 41,

1006 (1999) [Phys. Solid State 41, 916 (1999)].

6. The Oxide Handbook, Ed. by G. V. Samsonov (Metal-
lurgiya, Moscow, 1978; Plenum Press, New York, 1982).

o

Trandated by P. Pozdeev

No. 2 2005



Technical Physics Letters, Vol. 31, No. 2, 2005, pp. 135-137. Translated from Pis ' ma v Zhurnal Tekhnicheskor Fiziki, Vol. 31, No. 4, 2005, pp. 6-12.

Original Russian Text Copyright © 2005 by Koshel, Sepanov.

Boundary Effect on the Mixing and Transport
of Passive Impuritiesin a Nonstationary Flow

K.V.Koshel and D. V. Stepanov

Pacific Institute of Oceanology, Far-Eastern Division, Russian Academy of Sciences, Vladivostok, Russia
Received August 9, 2004

Abstract—The simplest model of a point topographic vortex situated near alinear boundary in anonstationary
incident flow is considered. The results of numerical experimentsreveal anew feature in the behavior of tragjec-
tories that is not observed in absence of the boundary. A criterion for distinguishing such tragjectories is pro-

posed. © 2005 Pleiades Publishing, Inc.

Introduction. A broad class of models exhibiting
chaotic properties is offered by the Hamiltonian sys-
tems possessing one and a half degrees of freedom. By
chaotic behavior weimply the exponentially fast reces-
sion of two initially close trgjectories [1]. In geophysi-
cal hydrodynamics, this phenomenon is called chaotic
advection [2]. The relative simplicity of Hamiltonian
systems makes possible their use for at least a qualita-
tive description of real modelsin geophysical hydrody-
namics. However, a necessary condition is that the cor-
responding stream function obeys certain dynamical
relations (i.e., is dynamically consistent). Such a cur-
rent function can be constructed using the background
flow theory [3].

Dynamically consistent stream functions and the
formalism of the theory of dynamical systems were
used in investigations of the chaotic behavior of fluid
particles within the framework of topographic vortex
models assuming elliptical [4] and Gaussian [5] vortex
shapes in the nonstationary incident flow. The mecha-
nism of chaotic mixing in a point vortex model was
studied in [6]. Previously, we considered a point topo-
graphic vortex situated near alinear boundary in anon-
stationary incident flow [7]. Thismodel is equivalent to
that with two stationary point vortices in the infinite
region. Using a variant of the perturbation theory pro-
posed by Gledzer [8], it was established that the thick-
ness of a stochastic layer increases with the degree of
influence of the boundary.

In this study, we used the simplest model of a point
topographic vortex situated near alinear boundary in a
nonstationary incident flow [7] for numerical ssimula-
tion of the effect of alinear boundary on the behavior
of fluid particlesin the flow.

Formulation of the problem. Consider the vel ocity
field of a two-dimensional flow of an incompressible
nonviscous fluid induced by a point topographic vortex
situated near a linear boundary. In a dimensionless
form, the stream function and the system of equations

describing the advection of particles of apassive impu-
rity are asfollows[7]:

2 2
= _W(t)y+ |n|:£(__t_(y_t_];)_|]

S+ (y-n*
x_ _ow
ot~y
1 W)y - 44 Xoy'+1 O @
T Y e - -1
%‘1/ _o¥Y _ [ 8yx n
Mt ox Hole (y+ 1))0¢+ (y-1)2)

where W(1) is the velocity of the incident flow; (x, y)
and t are the dimensionless coordinates and time,
respectively; and the center of a submerged hill gener-
ating the vortex occurs at a point with the coordinates
(0, 1). For W(t) = congt, system (1) has one €lliptica
and one or two hyperbolic singularities (depending on
the incident flow velocity) [7]. The phase space is
divided by a separatrix into two regions corresponding
to afinite (vortex region, VR) and infinite (flow region,
FR) motion. Particles occurring in the VR cannot pene-
trate into the FR and vice versa

In the presence of a small periodic perturbation in
theincident flow vel ocity, the pattern in the phase space
of system (1) exhibits significant changes, whereby the
trajectories of fluid particles may exhibit chaotic behav-
ior (depending on the initial conditions) and a stochas-
tic layer appearsin the vicinity of the unperturbed sep-
aratrix, in which the VR and FR regions may exchange
impurity particles. It has been established [8] that the
thickness of a stochastic layer in the vicinity of the
hyperbolic point isproportional to the squareroot of the
perturbation amplitude. As the influence of the bound-
ary grows, the stochastic layer thickness increases and
becomes proportional to the cubic root of the perturba
tion amplitude [7]. However, as will be demonstrated
below, the increase in the thickness of this layer is not

1063-7850/05/3102-0135$26.00 © 2005 Pleiades Publishing, Inc.
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Fig. 1. Distributions of (&) the accumul ated Lyapunov expo-
nent and (b) the tracer lifetime, reduced to those in the ini-
tial moment of time (for Wy = 3.6 and w = 75.0).

the only manifestation of the presence of a linear
boundary in the system under consideration.

Numerical experiments. Numerical modeling was
performed using the Stoer—Bulirsch method [9] with
modified step. The incident flow was set as

W(t) = Wo(1-3dsin(at)), @)

where 6 = 0.1 and the average velacity of the incident
flow (W, = 3.6) corresponds to a strong influence of the

The number of markers (of the total of 8250) with a values
above a preset threshold for W, = 3.6 and 4.6 (strong and
weak boundary effects, respectively)

o above Wy =3.6 Wy =46
0.1 3991 287
041 1932 1
1.0 532 0
3.03 1 0
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boundary. In the initial moment of time, 8250 tracers
were uniformly distributed in the VR. Since the fluid
particles exhibit regular motion in a small vicinity of
the vortex center, we ignored the initial conditions for

(Xo» Yo) in the vicinity such that A/x(z) + yg < 0.05.

In thefirst experiment, we determined the frequency
of the incident flow for which the number of tracers
leaving theVR ismaximum. A tracer was considered to
be lost from the VR when its trg ectory crossed theline
x = 2.0. The integration interval was chosen withint =
80000.0 (after which thetracers ceaseto leave the VR).
At an average velocity of theincident flow W, = 3.6, the
optimum frequency was w = 75.0.

The degree of chaos would be naturally character-
ized by the extent of recession between the initially
closely spaced trgjectories, that is, by the Lyapunov
exponent A. However, calculation of this parameter was
impossible because of the open character of the system
under consideration. For this reason, we calculated the
A values gained over a finite period of time (accumu-
lated Lyapunov exponent [5]). In addition, we deter-
mined the tracer lifetime asthe time for which it stayed
in the VR. The integration interval was chosen within
t =6000.0 (by which time most of the tracers exhibiting
chaotic behavior leave the VR).

Figure 1 shows the distributions of the accumul ated
Lyapunov exponent (a) and the tracer lifetime (b)
reduced to those in the initial moment of time. The
tracer tragjectories exhibit behaviors of various types
depending on the initial conditions. The first type cor-
responds to regular trajectories occurring in islands of
regular behavior, which are characterized by a small
accumulated Lyapunov exponent. The second type cor-
responds to trgjectories very rapidly leaving the VR,
which have small lifetimes and large A values. Trajec-
tories of the third type exhibit chaotic behavior at the
initial moment of time and then are trapped by aregular
structure (or vice versa). These trgjectories are charac-
terized by intermediate A values and relatively large
lifetimes.

As the influence of the boundary increases, there
appear trajectories whose behavior obeys none of the
above scenarios. These are trgjectories of the fourth
type, which are characterized by large lifetimes and
large A values. In order to identify such trajectories, we
introduced another characteristic of chaotic behavior,
defined as the maximum distance dy between two
sequential intersections of the trajectory and the
Oy axisfor y < 1. Using all three parameters (lifetime,
A, and dy), we characterized each tracer by the quantity
tA
TA*
to the effective loss of the passive impurity from the
VR, and A* is the average value of the accumulated
Lyapunov exponent for all tracers.

Dataillustrating the variation of the number of trac-
ers having a values above a certain preset threshold for

a= dy, where T isthe time interval corresponding
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Fig. 2. Distribution of the parameter a reduced to theinitial
positions of markers (for Wy = 3.6 and w = 75.0).

W, = 4.6 and 3.6 are given in the table. Evidently, the
maximum value of a = 0.41 for W, = 4.6 (weak bound-
ary effect) should be considered as a criterion for iden-
tifying trajectories of the fourth type. Then, the number
of trgjectories belonging to this type for W, = 3.6 ison
the order of 23.4% of the total number of tracers.

Figure 2 illustrates the distribution of a values
reduced to those in the initial moment of time for W, =
3.6. Judging from this pattern, we may conclude that
theinitial positions of trajectories of the fourth type are
found in the entire VR, but the region of initial condi-
tions for such tracersis not continuous. any vicinity of
atracer of the fourth type containstracers of the second
and third type and (in the regions close to the islands of
regular behavior) even of thefirst type.

Conclusions. We have considered a Hamiltonian
system possessing one and a half degrees of freedom,
which describes the motion of particles of an incom-
pressible nonviscous fluid in a nonstationary flow inci-
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dent on a point vortex situated near a linear boundary.
Asthe boundary effect increases, there appear trajecto-
ries of the fourth type characterized by large values of
both the lifetime and the accumulated Lyapunov expo-
nent. Trajectories of this type alternatively stick to one
or another island of regular behavior, thus covering a
relatively large area of the VR in phase space. This
behavior is typical of models of the so-called closed
type [10]. It should be emphasized that the behavior of
the fourth type was not revealed by the models studied
previously [4—6]. This fact indicates that the boundary
not only influencesthe chaotic properties of trajectories
but generates a new type of their behavior aswell.
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Abstract—Magnetron sputtering of polycrystalline SIC-AIN targets was used to obtain films of
(SIC)1 _«(AIN), solid solutions on silicon carbide (6H-SiC) substrates heated to a temperature in the range
T = 500-1200°C. The deposits were characterized with respect to structure, composition, and optical absorp-
tion. It is demonstrated that the films obtained on 6H-SiC substrates at T = 1000°C possess a single crystal
structure. The compositions of (SiC); _,(AIN), films are close to those of the corresponding SIC-AIN tar-

gets. © 2005 Pleiades Publishing, Inc.

In recent years, wide-bandgap semiconductors
based on solid solutions of silicon carbide (SiC) have
received much attention as a potential base for the cre-
ation of new optoelectronic and high-temperature
microelectronic devices. The best prospects in this
respect have been demonstrated by solid solutions of
the (SiIC), _,(AIN), system [1]. The synthesis of single
crystals of (SiC); _,(AIN), solid solutions was studied
in [2-5]. However, no datawere reported on the growth
of films of such solid solutions by means of magnetron
sputtering of polycrystalline SIC-AIN targets.

The am of this study was to obtain films of
(SIC); _(AIN), solid solutions on silicon carbide (SiC)
and sapphire (Al,O3) substrates by means of magnetron
sputtering of polycrystalline SIC-AIN targets in an
argon atmosphere and to study the effect of the
substrate temperature during deposition on the film
structure.

Polycrystalline SIC-AIN targets with different con-
tents of AIN (Cay = 10-50 wt %) were prepared by
cold pressing of mixed submicron powders of SiC and
AIN components at a pressure of 4 MPa, followed by
sintering at 1700-1800°C for 60 min in a nitrogen
atmosphere. The targets were sputtered in argon at a
pressure of 8 x 102 Pawith the aid of a planar dc mag-
netron operating at a discharge current of 70 mA. The
filmsweredeposited at arate of 0.1-0.15 nm/sonto sin-
gle crystal plates of 6H(0001) silicon carbide polytype
(6H-SIC) and Al,0O5(0001) (sapphire) heated to
500-1200°C. Prior to deposition, the target was sput-
tered for 15 min aside from the substrate holder in order
to attain a stationary sputter yield regime.

The structure of deposited (SiC),_,(AIN), films
with a thickness of 2-3 pm was studied by X-ray dif-
fraction on a DRON-2 diffractometer using CuK,, radi-
ation. The results of these measurements showed that

films deposited at a substrate temperature of T =500°C
are amorphous. Deposits obtained at T > 700°C exhib-
ited a transition to a polycrystalline structure. At T 2
1000°C, we obtained single crysta (SiC);_,(AIN),
films with a wurtzite (2H) crystal structure. There was
no evidence of the presence of a second phase. The
X-ray rocking curves showed that the structural perfec-
tion of (SIC);_(AIN), films deposited on 6H-SIC at
T > 1000°C is comparable with that of SIC substrates.
The (SiC), _,(AIN), films grown on sapphire substrates
at T> 1000°C exhibited an (0001)-oriented texture with
0.5°-3° grain misorientation.

Figure 1 shows typical X-ray diffractograms of a
6H-SIC substrate and a (SiC),-(AIN)q 5 solid solution
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Fig. 1. X-ray diffractograms of (1) a 6H-SiC substrate and
(2) a(SiC)g 7(AIN)g 3 solid solution film grown on this sub-
Strate.
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Fig. 2. Optica absorption spectra of the films of
(SIC)1 - x(AIN), solid solutionswith x = 0.3 (1) and 0.46 (2)
on sapphire substrates.

film grown on this substrate. At a sufficiently high res-
olution of the spectrograph, a filtered CuK, radiation
has to be registered in the form of a doublet (K, and
Kq2), just as is observed in the diffraction pattern pre-
sented. In addition to the peaks due to the substrate, the
X-ray diffractogram shows pronounced maximarel ated
to the solid solution. A small shift of the diffraction
peaksis explained by close values of the lattice param-
eters of SiIC and (SiC)y7(AIN)q 3. The absence of other
reflections is evidence of a single crystal character of
the deposit. The angular positions of reflections shift
consistently with variations in the composition, which
is indicative of the formation of homogeneous solid
solutions.

The elemental compositions of deposited filmswere
studied on an electron microscope with an electron
microprobe analyzer (LEO-1450). The results of these
measurements showed that the distribution of solid
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solution components (Si, C, Al, N) is homogeneous
both in depth and in the lateral direction, while the
deposit composition is close to that of the correspond-
ing SIC-AIN target.

The optical absorption spectra of the films of
(SIC); _(AIN), solid solutions deposited onto sapphire
substrates at T = 1000°C were measured using a
Lambda 900 spectrophotometer in a wavelength inter-
val from 0.3 to 0.5 pum. Figure 2 shows the absorption
spectra of the samples with x = 0.3 and 0.46. The
observed shift of the absorption edge toward shorter
wavelengths with increasing content of SiN in the com-
position reflects an increase in the bandgap width of the
(SIC),_4(AIN), solid solution.

In conclusion, the results of our investigation
showed the possibility of controlled synthesis of homo-
geneous films of wide-bandgap (SiIC);_.(AIN), solid
solutions on 6H-SiCand Al,O5 substrates, with the ratio
of components determined by the target composition.
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Abstract—Strain hardening of a porous material was numerically modeled. The corresponding stress-strain
(0—<) curves, the ultimate strength, and the strain at break were calculated for iron with a relative porosity in
theinterval from 0 to 30%. Anomalous behavior of these characteristicsis observed at a porosity corresponding
to the percolation transition from isolated pores to the “infinite” pore cluster. The proposed model adequately
describes the available experimental data. © 2005 Pleiades Publishing, Inc.

Plastic straining and fracture of materials possess-
ing sharply inhomogeneous structures exhibit specific
features and are still insufficiently studied. Of special
interest in this respect isthe behavior of porous materi-
als, which can be considered as heterophase mediawith
ultimately differing properties of the two phases (solid
framework and pores) [1]. The behavior of such media
on straining is determined by specific physical mecha-
nisms[2]. The dependence of the strength and plasticity
of materials on the characteristics of porosity can be
studied by modeling these mechanisms.

This Letter presents a mathematical model describ-
ing the effect of porosity on the strain hardening and
fracture of metals under tensile loading conditions.

The material was characterized by the degree of
porosity P defined as the total fraction of voids. The
effect of porosity on the strain hardening curves ¢ =
o(€) was considered taking into account the contribu-
tions of two mechanisms. The first mechanism is
related to the geometric loss of strength in strained
compact regions of a porous solid, which is caused by
the presence of voidsleading to adecrease in the effec-
tive sample cross section as compared to that in the
compact material. The second mechanism is related to
the nucleation and propagati on of microcracks originat-
ing from the pores acting as the main stress concentra-
tors in porous solids. Accordingly, the total strain is
expressed as

€ =g +¢g,, (D)

where €, and €, denote the contributions due to thefirst
and second mechanisms, respectively. The strain hard-
ening curve o, = 0,(g,) of the corresponding compact
material was assumed to be known (here, o, and €, are
the stress and strain at P = 0).

The loss of strength caused by the first mechanism
is manifested in that the stress g in a sample with cross
section Sis distributed only in the framework with the

effective cross section S, . Writing the force balance as
0S= o0&, weobtain

o= OK%. 2

The ratio of the cross sections /S can be deter-
mined using a geometric model of the porous material
structure [3]. In constructing such models, it is impor-
tant to take into account a change in the sample topol-
ogy in the case of formation of an “infinite” cluster
from isolated pores when the porosity reaches a level
corresponding to the percolation threshold P, [4]. The
fraction of closed porosity for a given P value was
expressed in terms of the coefficient o defined as

oL, P<P,
a= Ep, P>P,. @

Within the framework of the unit cell method, the
S/Sratio in the entire range of porosity variation is
expressed as[ 3]

% = a(1-f2)+(1-a)(1-f2), (4)

where the first term on the right-hand side refers to the
case of low porosity (P < Pp), while the second term
describesthe case of high porosity exceeding the perco-
lation threshold (P > Pp). The values of the coefficients

f, and f, for a unit cell with cubic symmetry are
expressed via the porosity P as
f3 =P, 3f;-2f3=P. (5)

Using formulas (2) and (4) and the known g, =
o.(g,) relation, it is possible to determine the stress o

1063-7850/05/3102-0140$26.00 © 2005 Pleiades Publishing, Inc.
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operating in the given porous material at a preset strain
€ = &.

The loss of stress caused by the second mechanism
(related to the growth of microcracks) was modeled as
follows. The strain contribution €, was expressed asthe
ratio of the crack opening o to the average distance h
between pores (corresponding to the solid framework
“beam” size in the unit cell mode!):

& = h (6)

On the other hand, the crack opening d is related to
the stress intensity factor K, as[5, 6]

5 = cK?
ExOrk’

(7)

where Ex and o« are the Young modulus and the yield
stress of the compact material, respectively, and c isa
factor (on the order of unity) that takesinto account the
presence of a plastic band.

The stress intensity factor in the compact region of
the porous material isrelated to the crack length | as

K, = o/ml = g /m(l, +Al), )

where |y istheinitial crack length, Al isan increasein
the crack length related to the changein the stressinten-
sity factor from K, (corresponding to the onset of crack
development) to the current value K, (corresponding to
the given stress ). In the approximation of brittle frac-
ture with subcritical crack growth, the value of Al can
be expressed as [5]

0 KE-K{ KI-K
ol = dijnfe=Rio_Ki—Kig ©
0 Ke—K; Ke O
where K. is the critical stress intensity factor at break

and d isaparameter determined by features of the crack
propagation process in a particular material.

Using formulas (8) and (9) and the given values of
stress in the compact part of the porous material, it is
possible to calculate the stress intensity factors (as
implicit functions). Then, the additional strain €, is
determined using relation (6).

The curves of strain hardening were calculated until
the ultimate values of stress (o) and strain at break (gg)
were reached, which resulted from the action of one of
the two possible mechanisms. These ultimate values
were determined using the conditions derived from
relations (2) and (6). The calculations were performed
for iron with adegree of porosity varying from 0to 0.3.
The values of K¢, Ko, and d were taken from experi-
mental data for the compact Armco iron. The initia
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Fig. 1. Experimental (points) and calculated (curves)
stress—strain diagrams for iron with various val ues of poros-
ity P: (1) 0; (2) 0.05; (3) 0.1; (4) 0.15; (5) 0.3. Crossesindi-
cate the break points.

stress—strain curve for P = 0 was determined from the
results of tensile tests on the same material. The values
of Iy and h were experimentally determined for the
given porous material, and the percolation threshold
was taken equal to Py = 0.1. The results of numerical
calculations were represented as 0 = o(g) curves for
various fixed values of P and as the curves of o and
strain g versus P.

Figure 1 shows the strain hardening curves of iron
calculated for various values of porosity (curve 1 isthe
approximation of experimental data, and curves2-5 are
the results of numerical calculations for P = 0.05, 0.1,
0.15, and 0.3, respectively). As can be seen from this
figure, the stress—strain curves are monotonic in the
entire range of variables. The main feature of these
curves is a rapid drop in the slope with increasing
porosity, which reflects adecrease in the material resis-
tance to straining as a result of the loss of strength
caused by porosity.

Figure 2 shows the values of stress and strain at
break, og and €5, calculated as functions of P (the cor-
responding pointsareindicated by crossesin Fig. 1). As
can be seen from these curves, the ultimate strain &g
declines from a monotonic decrease with increasing
porosity, which is manifested by an anomaly at P ~ 0.1.
An anaogous feature, although somewhat less pro-
nounced, is observed in the ultimate stress o;. These
anomalies are related to the presence of the percolation
transition from isolated pores to the “infinite” pore
cluster.

In order to compare the results of our model calcu-
lations to experiment, we have performed tensile tests
on a series of samples made of an iron powder obtained
by spraying in air (PZhRV2 grade). The samples were
prepared by pressing to a preset porosity followed by
sintering at 1500 K for 2.5 h in vacuum. The samples
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Fig. 2. Plots of the stress (o) and strain (€g) at break versus
porosity P. Curves show the results of numerical calcula-
tions using the proposed model; points show (1) the experi-
mental results of this study and (2) the experimental data
reproduced from [7].
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had the standard shape for tensile testswith arectangu-
lar working part of 3 x 3 mm cross section. The sample
porosity varied within P = 0-0.3. The results of tensile
tests were used to construct the o— curves. The exper-
imental data for particular samples are represented by
points in Fig. 1. The points in Fig. 2 show the experi-
mental data averaged over 10-12 samples with the
same porosity. The observed scatter of the experimental
results is related to the inhomogeneity of the porous
structure of the samples studied. For comparison, Fig. 2
also presents some published experimenta data[7].
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As can be seen from the data in Figs. 1 and 2, the
calculated curves are close to the corresponding exper-
imental points. This is evidence of the reliability and
adequacy of the proposed model, which alow it to be
used for predictions of the behavior of porous materials
on tensile straining. The experimental data confirm the
presence of anomalies in the dependence of the ulti-
mate mechanical characteristics of metals on the poros-
ity of samples. Using the proposed model, it is possible
to interpret the observed anomalies as being due to the
percolation transition in the porous material studied.
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Abstract—A theory of high-speed cutting regimes involved in turning of materials has been developed.
According to thistheory, the cut layer and the blade are considered as acoustic resonators coupled viaanonlin-
ear contact stiffness and excited by the lowest antisymmetric Lamb mode. The turning process is described in
terms of aparametric oscillatory system. Using the proposed theory, it is possible to determine optimum turning

regimes. © 2005 Pleiades Publishing, Inc.

Modern metal-working industries widely employ
the process of material turning in high-speed cutting
regimes. The values of cutting speeds in these regimes
vary for different materials, for example, within 300
1200 m/min for titanium, 300-1700 m/min for stedl,
and 2500-6500 m/min for aluminum. However, no
physically clear notions of what is implied by a high
cutting speed can be found in the literature: high as
compared to what?

This Letter gives an outline of the new theory of cut-
ting materials. According to the proposed approach, the
cut layer and the blade are considered as acoustic reso-
nators accumul ating elastic energy during their contact
interaction. The resonators are coupled via a nonlinear
contact stiffness, which allowsthe turning processto be
described in terms of a parametric oscillatory system.
Within the framework of thistheory, it is probably pos-
sibleto provide acorrect answer to the question of what
isameasure of high cutting speed.

Consider the lowest antisymmetric Lamb mode
(bending wave) in a plane-paralel plate with a thick-
ness of 2h, bounded by two free surfaces coinciding
with the planes x = £h. We assume that the plate thick-
ness satisfies the condition

wh < ¢,

where wis the wave frequency and ¢ is the shear wave
velocity. The bending wave of small amplitude is
described by the equation [1]

0°¢ h’E >
— + ——A"¢ =0, 1
p6t2 3(1-v?) : @)

where & = (Y, 2) is the displacement of a neutral sur-
face, A is the two-dimensional Laplace operator, E is
the Young modulus, and v is the Poisson ratio of the

plate material. Note that the shear wave velocity is
related to the material parameters as

_ E
‘= \Zprv)

Let us find a solution to Eq. (1) in the following
form:

& = constexp{i(kz—wt)} . 2

Substituting expression (2) into Eg. (1), we obtain the
dispersion relation

_ 2 h’E  _ 2
W= K ,3p(1—v) = hck”, (©)]

whereit is assumed that

«/3(12—\;) =1

The phase velocity v, of the bending mode can be
expressed as

Vo = J21C fh, (@]

where f = w/271. This mode has no critical frequency
and exhibits dispersion. The group velocity of the wave
is twice the phase vel ocity.

Let us consider the simplest process of turning with
astraight cutting tool. High mechanical stresses (on the
order of several gigapascals) and plastic strain devel-
oped in the cutting zone lead to the formation of acous-
tic waveguides, while finite dimensions of both the arti-
cle (blank) and the tool lead to the formation of resona-
tors. The characteristic drive frequency exciting the

1063-7850/05/3102-0143$26.00 © 2005 Pleiades Publishing, Inc.
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Fig. 1. Representing the cut layer in a cylindrical blank as
an acoustic resonator (see the text for explanations).

bending wave in the material coincides with the lathe
spindle frequency f,. The cut layer has a thickness of

a,; = ssing,
awidth of

t

bl:si_nd)

’

and across section areaof a;b; = st, wheresistheblade
feed per turn, t is the depth of cut, and ¢ is the cutting
edge angle. The machining regimes are determined by
the cutting speed v and the values of t and s. In the case
under consideration (whereby spindle rotation is the
main movement), the cutting speed is

v = iDfy,

where D isthe blank diameter.
Formula (4) is conveniently rewritten as

Vo = J1c, f.a, = b, /f,Q,, 5
where

Ci1dy

Q. =
' np?

Here and below, subscripts 1 and 2 refer to the blank
and the tool, respectively. The frequency Q,, whichis
characteristic of a given cutting regime, can be inter-
preted as the fundamental frequency of the resonator
depicted in Fig. 1. Indeed, the wavelength A; of the
bending wave described by formula (5) is

Ay = HDJ@. (6)
fy

Itisnatural to assumethat a stationary regime obeysthe
relation

mA, = nTD, (7)

TECHNICAL PHYSICS LETTERS  Vol. 31
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where m and n are integers. Substituting formula (6)
into relation (7), we obtain

2

m
f, = _291’ (8)
n

whichimpliesthat f, = Q, form=n=1.

Let us introduce the angular phase velocity of the
bending wave in the cut layer as

"4
fop = %1, 9)

so that

font = J/T1Q4. (10)

It is aso natural to assume that a stationary regime is
characterized by synchronism with the drive frequency:

fphl = fo (11)
Using expressions (8)—(11), we aobtain
fo= ?Ql. (12)

Relation (12) represents the condition of resonancein a
nonlinear system [2]. Important particular cases are as
follows:

(i) m=n=1("main” resonance);

(i) m=1(i.e, Q, = nfy; resonance at the nth over-
tone of the drive frequency);

@iiyn=1(.e., f,= mQ;; resonance at the mth over-
tone of the intrinsic frequency, or a partial resonance,
Q, = fo/m).

Thus, real cutting regimes are characterized by the
integers mand n. For high-speed regimes, we have

h:m>l
1 N .

"=

The corresponding wavelength is
AL = nDﬂ,
m

s0 that the machined surface exhibits afine structurein
the feed direction.

Theworking layer of ablade (Fig. 2) also represents
an acoustic resonator. Consider a replaceable blade
having the shape of aparallelepiped (Fig. 3). Arrowsin
the cross section ABCD indicate the direction of propa-
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gation of a bending wave. The phase velocity of this

waveis
Vinz = /218, f5, (13)

where c,, is the shear wave velocity in the blade, a, is
the thickness of aworking layer (in which the bending
wave propagates), and f, is the wave frequency.

In a stationary regime, we naturally have
PA; = aL,
where A, = /Tic,a,/f, is the wavelength, L is the

perimeter of the ABCD section, and p and g are inte-
gers. Thisyields

(14)

2
P TIC,,a,
27 "3

q L
Therefore, the fundamental frequency of this resonator
is

TIC, A,
L>
The two acoustic resonators interact via a nonlinear
contact stiffness, in which the spindle frequency f, and
the induced bending wave frequency in the cut layer are
mixed to yield a set of the combination frequencies
|kfo + 1f,|, where k and | are positive or negative integers.

The cutting edge, operating as the acoustic resonator,
separates from this set an intrinsic frequency,

Kfo+1f, = Q,,

Q, = (15)

such that
2

L

We may suggest that the main mechanism responsi-
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Fig. 2. Representing the working layer in a blade as an
acoustic resonator (see the text for explanations).

Fig. 3. Blade of a cutting tool: (1) main cutting edge;
(2) secondary cutting edge (see the text for explanations).

ble for the appearance of roughness on the machined
material surface is related to vibration of the cutting
edge caused by the bending wave excited in the work-
ing layer. Thisimpliesthat a, ~ R,, where R, isaparam-
eter characterizing the material surface (e.g., arithmetic
mean deviation of the surface profile).

The proposed theory was verified in specia experi-
ments, whereby a steel cylinder (grade 45 steel) with a
diameter of D = 70 mm wasturned at t = 1 mmin ten
cutting regimes with a straight tool made of ahard alloy
T15K 6 with E =530 GPa, p =11.3 x 10°kg/m3,n=0.3
(¢, =4.25km/s), and L = 26.5 mm (Fig. 3). The results
of these experiments are summarized in Table 1.

Table 1. Characteristics of the experimental regimes of turning a steel cylinder with a straight tool

No. | fo, mint| s,;mm | D,mm | ¢y, km/s| Q;, mint |l = ;;—Z m n Ry UM | R, UM | Rya UM
1 315 0.05 70 3 408 3/4 3 4 1.67 10.59 11.16
2 400 0.05 70 3 408 1 1 1 163 9.78 10.57
3 500 0.05 70 3 408 5/4 5 4 153 9.05 10.57
4 630 0.05 70 3 408 3/2 3 2 1.48 8.16 9.30
5 800 0.05 70 3 408 2/1 2 1 135 7.57 8.90
6 315 0.075 70 3 612 12 1 2 2.56 12.38 14.62
7 500 0.075 70 3 612 5/6 5 6 2.22 11.94 11.27
8 630 0.075 70 3 612 1 1 1 197 11.62 12.07
9 1000 0.075 70 3 612 5/3 5 3 1.89 10.03 12.27

10 1250 0.075 70 3 612 2/1 2 1 193 9.63 9.88

Note: fp valuesin bold refer to the main resonance.
TECHNICAL PHYSICS LETTERS Vol. 31 No.2 2005
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Table 2. Theoretical estimates of the working layer thickness (a,) in a cutting tool

No. fo, HZ Q,, Hz r fy, Hz Cio, km/s L, mm k I a, pm
1 5.25 6.8 3/4 3.82 4.25 26.5 3 3 1.43
2 6.67 6.8 1 6.8 4.25 26.5 2 2 142
3 8.33 6.8 5/4 10.62 4.25 26.5 2 1 144
4 105 6.8 32 15.3 4.25 26.5 1 1 135
5 13.33 6.8 2/1 27.2 4.25 26.5 0 1 143
6 5.25 10.2 12 2.55 4.25 26.5 6 6 2.46
7 8.33 10.2 5/6 7.08 4.25 26.5 3 3 243
8 105 10.2 1 10.2 4.25 26.5 2 2 2.17
9 16.66 10.27 5/3 28.3 4.25 26.5 1 1 2.36

10 20.83 10.2 2/1 40.8 4.25 26.5 0 1 2.15

Thethickness a, of the working layer was estimated REFERENCES

using formula (16) with
fo=rQ, f,=r’Q,.

Calculationsyield L?/mc,, = 52.62 x 10° (m s) and give
the estimates of a, presented in Table 2. A comparison
of datain Tables 1 and 2 showsthat a, ~ R,.

The Manly—Rowe relations for the parametric oscil-
lations show that the system may exhibit autooscilla
tory regimes. The mechanism of excitation isanal ogous
to that operating in afiddle string driven by a bow: the
rotating bank playsthe role of an infinite bow. Thiscir-
cumstance may be of key importance for deeper insight
into the physics of cutting processes and the mecha-
nisms of fracture of the cutting blade.
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Plasma Opening Switch with a Ferroelectric Plasma | njector
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Abstract—A generator with a plasma opening switch employing a ferroelectric plasma injector has been
designed, constructed, and studied in operation. The generator was tested in two regimes, being loaded on an
electron-beam diode or vircator for the generation of bremsstrahlung (X-ray) or microwave radiation, respec-

tively. © 2005 Pleiades Publishing, Inc.

High-power nanosecond pul ses of voltage or current
are frequently obtained using generators based on
inductive energy storage with plasma opening switches
(POSs) [1]. Such devices usually contain extended
electrodes forming a vacuum discharge gap. The elec-
trodes are connected to a current source on one end and
to aload (typically, avacuum or plasmadiode, etc.) on
the other end. One or several plasma injectors are
mounted on one of the electrodes between the current
source and the load.

The generator with a POS operates as follows.
Plasma injectors are initiated to produce plasma
streamsin the vacuum gap. Reaching the opposite elec-
trode, the streams close the “current source—electrode
with plasma injectors—plasma streams—opposite elec-
trode” circuit, which serves the inductive energy store.
At thisinstant, the current sourceis switched on to pro-
vide for the accumulation of magnetic energy in this
store. When the accumulated energy is maximum, the
resistance of the plasmais quickly increased by some
means so that it becomes large compared to the load
resistance. As aresult, the accumulated energy istrans-
ferred to the load.

Plasmais usualy injected into the gap by means of
vacuum discharges along an insulator surface. For
example, the plasmaguninjectorsdescribed in [2] were
made of pieces of a coaxial cable, in which carbon
plasma was created as a result of the surface discharge
between conductors along insulation at the cable end.
Theinsulator was made of an organic polymer and was
coated by a graphite suspension in alcohol prior to each
pulse. The injector discharge was initiated by a 25-kV
voltage pulse applied to the gun electrodes. Another
plasma injector of the so-called flashboard type
described in [3] comprised athin dielectric film (Kap-
ton, DuPont Corporation) bearing a conducting (cop-
per) layer etched so as to form a pattern of thin elec-
trodes. Application of a 23- to 30-kV voltage pulse led
to the development of a surface discharge over the cop-

per-free polymer surface, which served as a source of
plasmain the POS.

Thus, the production of plasma in injectors of the
types mentioned above requires additional sources of
high-voltage pulses. The aim of this study was to
develop a POS-based generator for plasma creation
with reduced energy consumption.

One possible technical solution leading to a
decrease in the energy required for plasma generation
consists in selecting a specia insulating material pos-
sessing maximum possible permittivity €. Asisknown,
ferroelectric materials may possess € > 1000. Previ-
ously, we proposed a POS with ferroelectric plasma
injectors[4]. A preliminary stage in the devel opment of
such POSs was devoted to determining the dependence
of a threshold voltage Uy, (necessary for the surface
discharge initiation in vacuum) on the permittivity € of
the insulating material. It was established that U, (€) is
amonotonically decreasing function [5].

Figure 1 shows a schematic diagram of the proposed
generator with POS. The main elements of the genera-
tor are (i) apulsed inductive energy store voltage source
of the BING-6 type, (ii) a coaxia system of extended
electrodes forming the inductive store; (iii) a plasma
injector with a ferroelectric insulator mounted on the
outer electrode, and (iv) a pulsed injector voltage
source of the BING-5 type. Theinductive store unit was
evacuated to a residua pressure of 10 Torr. The sys-
tem was loaded either on a vacuum diode generating
bremsstrahlung (X-ray) radiation or on a microwave
generator of the vircator type. Theinner and outer elec-
trode diameters are 3 and 120 mm, respectively; the
inductive store length is 150 mm. The BING-6
(BING-5) source unit had a flash capacitance of 6.6 x
10° F (4.5 x 10° F) and produced nanosecond voltage
pulses with an amplitude of up to 75 kV (10 kV). Other
parameters of pulsed voltage sources of the BING
series (devel oped at the Institute of Experimental Phys-

1063-7850/05/3102-0147$26.00 © 2005 Pleiades Publishing, Inc.
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Fig. 1. Schematic diagram of a generator with POS loaded
on avircator: (1) inductive store insulator; (2) ferroelectric
disk; (3) high-voltage electrode of plasma injector;
(4) ceramic insulator of plasmainjector; (5) outer electrode
(anode) of the inductive store; (6) inner el ectrode (cathode)
of theinductive store; (7) Rogowski loop; (8) anode grid (or
foil); (9) microwave output window; (10) inductive store
pulsed voltage source (BING-6); (11) plasma injector
pulsed voltage source (BING-5); (VC) virtual cathode.

ics, Sarav) can be found in [6]. The sources were con-
nected to electrodes by coaxial cables.

The coaxial plasma injector is made of a plasma-
forming insulating material (aferroelectric PZT ceram-
icsof the TsTS-19 type) with € = 1300, having theform
of a disk with a diameter of 15 mm and a height of
2 mm. The central electrode of the injector is mounted
ina2-mm-diam hole at the disk center. A radial surface
discharge wasinitiated on one of the disk faces between
the coaxial electrodes spaced by a 5-mm-wide radial
gap. Thedischarge plasmaisinjected into the interel ec-
trode gap of the inductive store. At the moment of the
inductive store shortening, the plasma stream has an
electron density on the order of 102 cm3 (at a 10-kV
voltage pulse), as measured by a probe technique
described in [7]. It should be noted that the same volt-
age pulse applied to an injector of analogous geometry
with a polyethylene insulator did not produce any sur-
face discharge. The charging of the inductive energy
store was performed with a certain delay relative to the
moment of initiation of the plasma injectors. The opti-
mum delay was found to be 0.75 ps.

Experiments with the generator described above
were performed using the following measuring tech-
niques. The inductive store current and the plasma
injector discharge current were measured using shunts,
the load current was measured with the aid of a
Rogowski loop. The bremsstrahlung radiation pulses
were measured using semiconductor detectors
(SPPD-11-03), and the microwave pulse envelope was
monitored by a 6D13D diode placed in a waveguide
with a 72 x 34 mm cross section. The voltage drop
across the load was measured using a voltage divider.
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Fig. 2. Typical oscillograms of the main signals of a gener-
ator with POS: (a) plasma injector discharge current;
(b) inductive store current; (c) load current; (d) X-ray pulse
shape; (€) microwave radiation pulse envelope.

The results of monitoring of the output characteris-
tics of the generator with POS are illustrated in
Figs. 2a—2e, which show synchronized oscillograms of
the main signals. Figure 2a presentsthe typical shape of
the plasma injector discharge current. Figure 2b shows
the waveform of the inductive storage current. As can
be seen, the latter current is delayed by 0.75 usrelative
to the injector pulse front. The outburst of the storage
current isfollowed by adrop caused by asharp increase
in the plasma resistance. At this moment, the POS
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switches the current into a load. Figure 2c shows the
current profile in the load. At a pulse-forming line
charging voltage of 75 kV, the maximum output pulse
voltage was 160 kV.

In order to load the generator with POS on avacuum
electron beam diode operating in the bremsstrahlung
generating regime, a 20-um-thick tantalum foil target
was mounted on the anode. The shape of the output
X-ray pulse measured by a semiconductor detector for
a5-mm-long diode is presented in Fig. 2d. In order to
obtain a microwave generator of the vircator type, the
target was replaced by an anode grid made of a
0.15-mm-diam tantalum wire. The virtual cathode was
formed in a 10-mm-long electron beam drift space
between the grid and the dielectric window used for
extraction of the microwave radiation (this configura-
tion of theload isdepicted in Fig. 1). The output micro-
wave pulse had the envelope presented in Fig. 2e and a
power estimated at afraction of a megawatt.

In conclusion, we designed, constructed, and tested
a generator with POS and a ferroelectric plasma injec-
tor that is capable of operating with various loads.

TECHNICAL PHYSICS LETTERS Vol. 31 No.2 2005
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Abstract—The radiation of an ultrarelativistic point charged particle moving along the axis of a cylindrical
waveguide containing a layer of resonantly dispersive dielectric medium is studied theoretically. It is shown
that, in the case of a sufficiently thin waveguide, the dispersion leadsto a significant contraction of theradiation,
adecrease in the energy of harmonics, and an increase in the relative contribution due to the first mode as com-
pared to the higher harmonics. These effects are less pronounced in waveguides with rel atively large radii; still,
they have to be taken into account, especially in determining the frequencies of harmonics. The role of the res-
onance dispersion is most significant in cases where the dielectric layer thickness is small compared to the

waveguide radius. © 2005 Pleiades Publishing, Inc.

The emission of Vavilov—Cherenkov radiation by
charged particles moving in waveguide structures has
been extensively studied (see, e.g., [1-8]). Thisdirec-
tion of research is still of importance, particularly, in
the context of development of particle accelerators
employing the wake field technique [4—7]. It should be
noted that one of the most significant factors in this
phenomenon is related to the dispersion characteris-
tics of adielectric contained in the waveguide. A pre-
vious paper [8] was devoted to the radiation of a
charged particle moving along the axis of a round
waveguide completely filled with adielectric medium
exhibiting resonance dispersion. It was demonstrated
that this dispersion significantly influences both the
frequencies of excited harmonics and the radiation
energy.

This Letter is concerned with the case when a
dielectric medium fills only a part of the round cylindri-
cal waveguide within aring layer of thicknessd =a—b,
where a and b are the radii of the waveguide and the
central vacuum channel, respectively. The magnetic
permeability p of the medium is assumed to be unity.
The waveguide wall is assumed to be ideally conduct-
ing. Let us consider a point charge g moving at a con-
stant velocity v along the z axis of acylindrical coordi-
nate system (r, ¢, 2).

General expressions for the potentials, fields, and
particle energy losses in a system with this geometry
are well known (see, eg., review [1]). The consider-
ation below is restricted to the ultrarelativistic case,
which is of most interest from the standpoint of the
wake-field accel eration of charged particles. Inthelimit
asv — ¢, an expression for the radiative energy

losses per unit pathlength of the charged particle can be
written as follows:

_ 29
w=S3w, =4
y Z P,(S) (,1)
- w _de]  cPq(s) de
f(s)[“ 2(s-1)dco] bfe—1090| - ¢ oo
where
S = Q)C_lA/E—l, (2)
d d
f(s) = UJ12(S)+§ U(les(s)_E lI(JjoS(S) = %—%%(5)
+ B8 Sy (9 + 1352 N(sb) — H(so)N(s2)] .

+ sg[Jl(sb) N, (sa) — J,(sa)N,(sb)],

Wo(S) = Ji(sb)Ng(sa) — Jo(sa)N,(sh),
P1(S) = Jo(Sb)Ng(sa) — Jo(sa)Ny(sh).

Here, J,(&) are the Bessel functions, N,(§) are the Neu-
mann functions, | ,(§) arethe modified Bessel functions,
and K, (&) are the modified Hankel functions.
The eigenfrequencies w,,, in Eq. (1) are related via for-
mula(2) to the eigenvalues s,, determined by the disper-
sion relation

(4)

sby, (s) —2eWy(s) = O. ()
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Each term W, in Eq. (1) represents the energy spent
by the charge per unit pathlength to excite the mth har-
monic (below, this value is referred to as the harmonic
energy). Thisenergy isequal (to within afactor) to the
longitudinal component of the electric field at the point

where the chargeissituated (W, = —qES™ |- v, r =0 [1]),
while the amplitude of this field component on the
waveguide axis behind the charge is twice as large:
Ei"r;)ax = 2W,/|g]. Once the harmonic energies are
known, the field components at any point can be readily
calculated using well-known relations [1].

It should be noted that the above formulas signifi-
cantly simplify in the case where s, b > 1. Assuming
this condition to be valid and using asymptotic expres-

sionsfor the cylindrical functions, dispersion relation (5)
can be approximately rewritten as

cot(sd) = sb/(2¢), (6)
whered = a—Db isthe dielectric layer thickness. In this
case, Egs. (1)—(4) yield

2
W
dep_ @ %T
b U2e(e—1)dw

L bds’ de

Win = 4 b

bd2 (7)
S
+%|_+_+

W= W, S= Sy,

Let us consider the case of a medium with the per-
mittivity
2 2 2
W W €—W
g= 14—t = 20T 8)
W, — W W —w

where w, and w, are the resonance and Langmuir fre-

quencies, respectively, and g, = 1 + w; /& is the per-
mittivity at alow (as compared to w,) frequency. The
radiation of a charge moving in the infinite medium
with such resonance dispersion was studied by Afa
nasiev et al. [9, 10], and the case of a waveguide com-
pletely filled with this medium was analyzed in [8].

In the case under consideration, the radiation fre-
guency and the permittivity of the medium can be
expressed as functions of the variable s,

WS
00=/\/2 2 2 ’
sT+wc (g—-1
r (0 ) (9)
WS
€ =

JS + 2wk (e, - 1)
and the exact dispersi on relation (5) can be rewritten as

2

sbu, (s) — 25 + e

Wo(s) = 0. (10)

r
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The energy of the mth harmonic according to formula (1)
is

2. 2
w,, = 292
b v
(11)
20w, /Eg— 1 -
x| £(5) - =20 w(,(sm)}
bw, ./ w; w

Let us obtain approximate formulas for the condi-
tion s,b > 1, which can be conveniently represented as

%ww/so—l > 1

¢ -t "
Then, dispersion relation (6) acquires the form
b az
cot(X) = 5 X~ (13)
“ X

wherex =sd and d = dw,.c? isthe dimensionless layer
thickness. Thisrelation showsthat theroot ,of thedis-
persion equation falls in the interval mm< x,, < (m +
12)t(wherem=0, 1, 2, ...). Under condition (12), the
mth harmonic energy is

2q° bXm , dem
Wn="2 [1+4dsm+ b
] i L 9
4 (€0—1) (X * d’go)
where g, = g(Wy).

Now, the above results will beillustrated by several
examples, whereby the waveguide with a resonantly
dispersive medium is compared to the case of anondis-
persive dielectric medium with € = g,. Figures 1 and 2
show the frequencies and energies of harmonics calcu-
lated using exact formulas as functions of the d/a ratio
for a relatively thin and relatively thick waveguide,
respectively, with (a, b) adispersive and (c, d) anondis-
persive dielectric layer.

As can be seen, the frequencies of harmonics are
monotonically decreasing functions of the relative
thickness of the dielectric layer. For a relatively thin
waveguide (Fig. 1), the frequencies are much lower in
the presence of resonance dispersion than in the case of
a nondispersive medium. Note also that the dispersion
produces strong contraction of the radiation spectrum.
For awaveguide completely filled (d = a) with the res-
onantly dispersive medium, the harmonic frequencies
fall within the interval from 0.82cw, to wy; for d < 0.3a,
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the width of this interval is less than 5% of the reso-
nance frequency. As can be seen from a comparison of
Figs. 1b and 1d, the energy of each harmonic in the
presence of a dispersive medium is also much lower
than that in the case of adielectric medium without dis-
persion. Moreover, the energy of the first harmonic in
the waveguide with a resonantly dispersive medium is
aways significantly higher than the energies of al
higher harmonics, so that the generated field isvirtually
single-mode for any thickness of the dispersive dielec-
tric layer. In the absence of dispersion, the first mode
predominates only in the case of thin dielectric layers,
while the system with d = 0.5a still features a multi-
mode field with an insignificant role played by the first
harmonic.

In the case of arelatively thick waveguide (Fig. 2),
the pattern significantly changes. The difference
between mode frequencies in the waveguides with and
without resonance dispersion is somewhat less pro-
nounced, albeit still significant. The effect of suppres-
sion of the energy of the first harmonic in the system
with dispersion is almost not manifested (except for the
case of a very thin dielectric layer). The difference
between energies of the higher harmonics is more pro-
nounced. For a sufficiently thin dielectric layer, thefirst
mode predominatesin both cases; if the layer thickness
is comparable to the waveguide radius, the wave field
has a multimode character.

It should be emphasized that, as can be seen from
Figs. 1 and 2, the difference between frequencies and
energies of modes in the systems with and without dis-
persion increases with decreasing thickness of the
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dielectric layer. Thus, making alowance for the reso-
nance dispersion is most important in cases when the
dielectric layer thickness is small compared to the
waveguide radius.
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Abstract—Theinteractions of relativistic electrons with laser radiation are classified in terms of three L orentz-
invariant quantities, which can be determined using the laser radiation parameters and the electron energy. The
proposed classification covers the entire range of electron energies and laser radiation intensities presently in use,
with allowance for quantum effects and nonlinear processes of higher harmonic generation. © 2005 Pleiades

Publishing, Inc.

New sources of beams of X-ray and gamma gquanta
based on the interaction of laser radiation with relativ-
istic electrons (referred to below as laser radiation
sources, LRSs) offer several advantages over tradi-
tional sources employing the interaction of electrons
with asubstance[1]. Theseare (i) a high monochroma-
ticity without a bremsstrahlung background, (ii) high
directivity related to the absence of multiple scattering
effects, (iii) the possibility of obtaining circularly
polarized photons, and (iv) the possihility of generat-
ing short (femtosecond) X-ray and gamma-radiation
pulses[2, 3].

Until recently, the main disadvantage of LRSswas a
relatively low intensity of the obtained radiation beams.
However, the situation has been changed by the devel-
opment of lasers with an output pulse power on the
order of several terawatts. The electric field component
in such laser radiation is on the same order of magni-
tude as that of the continuous electrostatic potential
field in oriented crystals [4]. Depending on the laser
radiation parameters and electron energies, the form of
the LRS spectrum may significantly vary: from adipole
spectrum with a single peak (terminating at a certain
maximum frequency) to a continuous synchrotron radi-
ation spectrum covering all frequencies up to fw ~ E,
where E = mpyc? isthe electron energy, y is the Lorentz
factor, and m, isthe el ectron rest mass. The electron ener-
gies accessible with modern experimental setups vary
from dozens of megawatts [2, 3] up to ~10° GeV [5].
Therefore, it isimportant to develop a classification of
the interactions of relativistic electrons with laser
beams, which would allow the character of these inter-
actions and the type of the corresponding LRS spec-
trum to be readily determined.

The intensity of the electromagnetic field of a laser
beam is characterized by a L orentz-invariant parameter

(see, eq., reviews [6])

2 2cp2

2 _ € 2 _ e%o
Vo = 22A - 22 2! (1)

m,C myC Wy,

where A = (0, A) isthe 4-potential of the laser field and
6, isthe amplitude of the electric field strength of laser
radiation with afrequency of wy,. Thefield isreferred to
asstrongif vy 1.

Parameter (1) can be also given an aternative mean-
ing, according to which it characterizes how strongly
the field deflects amoving electron: v, = 8,y [4], where
0. isthe angle of electron deflection in an external field
with the given strength. If thisangle is smaller than the
characteristic value 6, ~ 1y (i.e., if By < 1), then we
have v, < 1 (this case corresponds to the dipole
approximation). In this case, the LRS spectrum consists
of a single harmonic with the maximum frequency
W = 2y?Q, (for i < E), where Q isthe frequency of
transverse oscillations of the moving electron. For
example, the interaction between electron and laser
beams propagating in opposite directions yields Q, =
20y [4].

On the contrary, for vy = 1, the spectrum of radiation
emitted by an electron consists of many peaks with the
frequencies obeying the relation [1]

u, = ak/(1+ vi+ak), 2

where u, = AWE and k is the harmonic number. Here,
the Lorentz-invariant parameter is

2h 27 QoY
a= —==kp = = 3
m,C M,yC

where k and p are the 4-momenta of the laser photon
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and of the éectron, respectively, and a is a parameter
depending on the electron energy and determining the
role of quantum effects.

If the laser field is weak, so that v, < 1 (more pre-
cisely, v, <0.1) and, simultaneously, a> 0.1, we obtain
the so-called quantum dipole approximation (or the
inverse Compton effect). In this case, the RL S spectrum
has asingle harmonic (k = 1) and is described by asin-
gle parameter a[1, Eq. (9)]. Under the conditions such
that vy <1anda< 0.1, the dipole formulas of classical
electrodynamics [2, 3] are valid and we deal with the
Thomson backscattering.

When the laser field intensity is high (v, = 1), the
LRS spectrum exhibits a synchrotron character over a
largerange of aand v,. For the applicability of thissyn-
chrotron approximation, it is necessary that the term

v? in the denominator of Eq. (2) would dominate over

ak (asufficient condition is that vé >a).

For the applicability of classical eectrodynamicsin
the synchrotron approximation (v, = 1), it is already
insufficient that a < 1, because the spectrum contains a
large number of harmonics. Therole of quantum effects
in the case of a synchrotron character of the LRS spec-
trum (constant field approximation) is determined by
the invariant Schwinger parameter

B eﬁ|pr"| _2e€,hy
X= - 23 °
mC

(4)

2 3
MoC

Theright-hand side of relations (3) and (4) refersto the
case of the interaction between electron and laser
beams propagating in opposite directions. In the con-
stant field approximation, the classical electrodynamics
isvalid provided that x < 0.1 (see, e.g., [7]). The param-
eter X can be expressed (to within afactor on the order
of unity) asx = av,.

The above classification can be conveniently illus-
trated using a diagram in the a versus v,, plane on the
logarithmic scale. A diagram presented in the figure
classifies the interactions of laser radiation with relativ-
istic electronsin terms of Inv, (abscissa) and Ina (ordi-
nate), so that the coordinate axes correspond to the v,
and a values of unity. In this coordinate system, the
region of strong fieldsisto theright of the ordinate axis,
while the region where gquantum effects are manifested
in the LRS spectrum occurs in the vicinity of the
abscissa axis and above this axis.

Theregionto theleft of the dashed line MN in thefig-
ure represents wesk laser fields: v, < 0.1 (In0.1 =-2.3).
The classical case takes place for a < 1. Accordingly,
the AKN region corresponds to the classical dipole
approximation (Thomson backscattering). The quan-
tum dipole spectrum (or the inverse Compton effect)
takes place in the AKM region. In the last two regions,
the LRS spectrum is characterized by high monochro-
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Schematic diagram illustrating the classification of interac-
tions of relativistic electrons with laser radiation: (region
AKM) gquantum dipole (QD) spectrum; (region AKN) classi-
cal dipole (CD) spectrum (see [1, Eq. (9)]); (sector QS
quantum synchrotron approximation (see [1, Eqg. (11)]);
(sector C9) classical synchrotron approximation (see [9,
Eqg. (20)]); (region MKBOP) exact quantum-mechanical
calculation taking into account the generation of higher har-
monics (see [1, Eq. (7)]); (region NKBD) classical electro-
dynamics with allowance for the generation of higher har-
monics [9, 10].

maticity (Aw/w ~ 0.25) and displays a single peak ter-
minating at the frequency given by formula (2) for
k = 1. The number of photons radiated per unit timein

the classical case is approximately n ~ a v2Q,, where
o = 1/137 [4]. In the presence of quantum effects, this
number decreases as compared to the classical value.
For example, the classical formula overstates n by a
factor of 2 in the case of a =1 and by afactor of 4, in
the case of a=7 (seg, e.g., [8, Fig. 2]).

The condition of the quantum synchrotron approxi-

mation (v§ >aand v, > 1) appearsas 2Inv, > Ina, and
the corresponding region extends to the right of the
OP linein the figure. The LRS spectrum is determined
by the guantum synchrotron formula and has a shape
determined by a single parameter x [1].

Taking into account that X = av,, the region of the
classical synchrotron approximation (x <0.1; vo=21)is
determined by theinequaity Ina + Inv, <—2.3 and cor-
responds to the CS sector. In this case, the LRS spec-
trum appears as the classical synchrotron spectrum
(see[9, Eg. (20)]). By the same token, the QS sector
corresponds to the quantum synchrotron spectrum
(see[1, Eq. (12)]).
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The other regions in the figure require exact calcula
tions taking into account the generation of higher har-
monics. Theformulas of classical e ectrodynamics[9, 10]
are valid in the NKBD region, whereas the exact quan-
tum-mechanical expressions (see [1, Eq. (7)]) have to
be used in the MKBOP region.

The proposed classification of the interactions of
relativistic electrons with laser radiation, as considered
above andillustrated in the figure, has ageneral charac-
ter depending neither on the mutual orientation of the
laser and electron beams nor on the polarization of the
electron beam. Thus, once the el ectron energy and laser
radiation parameters are known, it is possible to calcu-
late invariants by formulas (1), (3), and (4) and use the
diagram to determine the character of the LRS spec-
trum and the type of the model to be used in calcula
tions.
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A MoireInterference Technique
for Studying Vortex Flame Structures
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Abstract—A new moire imaging technique is proposed that expands the possihilities of interference methods
for studying vortex flame structures. Moire analogs of the interference patterns of aflame are obtained, which
correspond to the interferometer adjustment to the fringes of finite and infinite widths. It isfound that the moire
analogs areidentical to the original interference patterns. The main advantages of the proposed moire technique
are the low cost of the experiment and the possibility of readjusting a current interference pattern for the same
nonstationary optical inhomogeneity. © 2005 Pleiades Publishing, Inc.

The main difficulties encountered in the application
of interference methods to experimental investigations
of the structure of nonstationary and inhomogeneous
flows are related to atedious adjustment of the interfer-
ometer and the need for readjusting it for solving vari-
ous tasks in the course of one experiment. It was
pointed out [1] that an interference pattern of a nonsta-
tionary optical inhomogeneity obtained at a current
moment of time alows the refractive index profiles to
be correctly calculated only in the absence of extrema.
Vortex structures formed in aflow lead to the formation
of complicated velocity, temperature, and pressure
fields, which influence the refractive index distribution
in the given medium.

The phase difference between interfering light
wavesisan integral characteristic defined as

Ad = [2nro( N — N)dx]/A,

where A isthe light wavelength; n, and n are the refrac-
tive indices of the medium in the thermal inhomogene-
ity and in the surrounding medium, respectively; and |
is the geometric pathlength of alight ray. For an inter-
ference pattern of a vortex flow, precise determination
of thedirection of alocal changein the phase difference
A¢ at a point where the interference lines form local
spots or “saddles’ is possible only provided that the
interferometer can be instantaneously readjusted from
finite to infinite fringes [2]. Unfortunately, this is
impossible in a single experiment using traditional
interference methods.

The above problem can be solved using a moire
technique. Application of such techniques to the rear-
rangement of interference patterns essentially repeats
the method of double exposure used for the formation
of holograms. The idea of the proposed approach con-
sists in obtaining two interference patterns (reference
and object) for the same interferometer adjustment to

the fringes of finite width. One of these patterns,
obtained in the absence of a given optical inhomogene-
ity, is then superimposed onto the pattern of this very
inhomogeneity. Then, one pattern is shifted relative to
another and the resulting pattern is examined in the
transmission mode. In this way, it is possible to rear-
range the positions of interference fringes so as to
obtain the necessary information concerning the direc-
tion of the phase shift of the interfering light waves at a
given point of the optical inhomogeneity.

Figure 1 shows examples of the (1) reference and
(2) object interference patterns. The latter pattern was
obtained by placing a candle flame in the working field
of apolarization shift interferometer based on ashadow
device of the IAB-451 type. The interferometer was
arbitrarily tuned without any special reguirements con-
cerning high-precision adjustment, working table

Fig. 1. Moire interference patterns of a candle flame:
(2) reference; (2) object.

1063-7850/05/3102-0157$26.00 © 2005 Pleiades Publishing, Inc.
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Fig. 2. Moire interference patterns of the same flame asin
Fig. 1, corresponding to the interferometer adjustment to
the (1, 3) dark and (2, 4) bright fringes of (1, 2) finite and
(3, 4) infinite width.

shock absorber, etc. In Fig. 1, careless tuning of the
interferometer is manifested in that the interference
fringes have different widths, arbitrary orientation, and
significant curvature. The only requirement concerning
theinstrument adjustment was that the number of inter-
ference fringes be sufficiently large. In this case, the
resulting moire interference pattern is sufficiently
detailed and the absolute error of determination of the
geometric path difference between light raysis equal to
the width of interference fringes in the reference
pattern.

Figure 2 gives examples of the moire interference
patterns of the same flame, which were obtained by
superimposing patterns 1 and 2 presented in Fig. 1. The
first pattern in Fig. 2 corresponds to the interferometer

TECHNICAL PHYSICS LETTERS  Vol. 31

SAMSONOV, SAMSONOVA

adjustment to fringes of finitewidth. Ascan be seen, the
interference fringes exhibit downward deviation in the
flame region. The direction of deviation shows that the
phase difference between light waves is a continuous
function with a single maximum at the flame center.
The second pattern in Fig. 2 correspondsto theinterfer-
ometer readjustment at which the fringes deviate
upward. Patterns 3 and 4 illustrate the interferometer
adjustment to the dark and bright fringes of infinite
width. A comparison of these moireinterference patterns
to those abtained after the corresponding readjustment of
the interferometer show their complete identity.

A disadvantage of the moire interference patternsis
the discrete (mosaic) character and the related addi-
tional error in the determination of the phase difference
between light waves at a given point of optical inhomo-
geneity. When the interferometer is adjusted for the
fringes of finite width, the phase difference is calcu-
lated as Ad = 21iX/x,, where Ax and X, are the fringe
width and its shift relative to the initial position at the
given point of optical inhomogeneity. Calculating the
maximum phase shift of light waves at the flame center
for patterns 1 and 2 in Fig. 2, we obtain A¢ = 91t The
same result is obtained from patterns 3 and 4. The max-
imum phase difference is estimated using the relation
A¢ = T, which is valid for the interferometer adjust-
ment to the fringes of infinite width (n is the order of
interference at the given point). Evidently, the addi-
tional relative error in the calculation of A is on the
order of a sum of the relative errors involved in the
determination of Ax and x,. Patterns 1 and 2 in Fig. 1
show that this error does not exceed the distance
between the interference fringes on the reference or
object patterns and amounts approximately to 7-8%. It
should be emphasized that Fig 1 is presented here for
illustration purposes only. If necessary, the additional
relative error introduced by the moire interference pat-
tern can be reduced to alevel below 0.1%.
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Abstract—We have studied the effective density, electric conductivity, and thermo emf of compacted carbon
nanotubes (NTs) and nanowhiskers (NWSs). The effective densities of NTs and NWs are 1.6 and 2.8 g/lcm?®
respectively. The thermo emf of compacted NWs (33 uV/K) and NTs (7-8 pV/K) makeit possible to use these
materials in sensors of molecular gases and biological objects. It is also recommended to introduce NWs and
NTsasfillersinto glue compositions possessing increased strength and electric conductivity, which are neces-

sary for gluing metals. © 2005 Pleiades Publishing, Inc.

Carbon nanotubes (NTs) and nanowhiskers of
nanowires (NWs) possess anumber of interesting prop-
erties and attract considerable practical interest in vari-
ous fields of technology [1-3]. Methods for the large-
scal e production of NTs and NWs have been devel oped
(see, e.g., [4, 5]), which makes possible the character-
ization of these materials in macroscopic amounts.
There were attempts to create ordered layer structures
using the surface tension of aliquid forming a colloid
solution of NTs [6]. In this context, it is important to
study the density of NTsand NWs, since the density of
these components have to be somewhat greater than
that of the liquid medium.

We have studied carbon NWs obtained as described
in [5] and NTs synthesized using the method proposed
in [7]. The obtained NTs had between one and four
shells and formed bundles with a diameter within
8-30 nm and alength of several microns. Carbon NWs
had the form of one-dimensional structures 20 to 40 nm
thick and about 1 um long, composed of carbon layers
oriented at an anglerelativeto thewire axis. Both mate-
rials contained small amounts of incorporated metal
impurities, predominantly cobalt (~3—4 wt %) inclu-
sionsin NTsand nickel (up to 2wt %) in NWs.

The effective densities of NTs and NWs were deter-
mined pycnometrically, using toluene (d = 0.867 g/cm?q)
as the working medium. This liquid is well wetting
graphitelike and fullerene materials. The measurements
were performed at room temperature by introducing a
weighed amount P of NT or NW powder into liquid tol-
uene and determining the volume increment V. The rel-
ative error of the pycnometric measurements was 13%.
The effective density, defined as d = P/V, was found to
be 2.8 and 1.6 g/cm? for NWs and NTs, respectively.

The initial powders of NTs and NWs were charged
into a special mold and pressed into thin plates with
dimensions of 9.2 x 3.0 mm and a thickness of
0.2-0.6 mm. Using four silver electrodes arranged in
the mold, it was possible to measure the electric con-
ductivity of compacted samples. The molding pressure
was 0.3-0.4 MPa. The densities of compact materias
were 0.58 and 0.52 g/cm? for NTs and NWs, respec-
tively.

It was found that the compact samples made of NWs
possess elastic properties. As the pressure was
increased to 7 MPa, the conductivity exhibited a 15—
20% increase; upon unloading, the conductivity was
restored to the initial level. Extracted from the mold,
pressed NW samples were loose and exhibited fracture
upon dight bending. Pressed NT samples fractured
upon bending at an angle of 30°-40°.

The room-temperature (T = 300 K) specific conduc-
tivities of pressed NT and NW sampleswere o = 0.9 x
10% and 0.45 x 10° Q! m, respectively. The tempera-
ture dependences of o for pressed NW and NT samples
measured in thetemperatureinterval T=290-400K are
presented in the figure. A dight increase in o in this
temperature interval is evidence of a metalic character
of the conductivity in both compacted materials.

The Seebeck coefficient was determined using the
conventional hot probe technique. The differential
thermo emf (S) was negative and amounted to —33 uV/K
for compacted NTs and —7 uV/K for compacted NWs.
The values for NTs are close to those obtained for
ananotubular deposit (S = 25 pV/K) studied previ-
ously [8]. The thermo emf of compacted NWSs is
comparable to the values typical of polycrystaline

graphite [9].

1063-7850/05/3102-0159$26.00 © 2005 Pleiades Publishing, Inc.
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The temperature dependences of conductivity o for com-
pacted (1) NWs, (2) NTs, and (3) nanotubular deposit [8].

The above results show that the density of initial
NWs exceeds that of graphite (d = 2.2 g/cm®). This
experimental result is not surprising, since the NW
structureis not graphitelike. The results of electron-dif-
fraction measurements showed the absence of indexes
characteristic of graphite planes. On the other hand, the
compact NW samples exhibit a rather high elasticity
and behave as éastic springs on compression. From
this we conclude that the NW structure is more closely
packed than that of graphite and, hence, must possess a
higher density.

Using the experimental data on the density and
dimensions of NTsand NWs, weinfer that, for an aver-
age NT bundle diameter of 20 nm and an NW diameter
of 30 nm and their lengths of 3 and 1 um, respectively,
the specific surface of NTs is about 370 m?/g and that
of NWsisabout 100 m?/g. Considering their high elas-

TECHNICAL PHYSICS LETTERS  Vol. 31
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tic properties and relatively large electric conductivity,
we may recommend using NWs as a reinforcing and
conducting component in glue compositions intended
for binding metallic materials.

Asisknown [10], the values of o and thermo emf of
compacted single-wall NTs exhibit strong variations
upon adsorption of H,, O,, N, and other molecular
gases. Theresults of our thermo emf measurements for
compacted NTs (S= 33 uV/K) alow this material to be
used in sensors of molecular gaseous substances and
biological objects.
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Abstract—The process of quantum dot (QD) formation in heteroepitaxial systems with lattice mismatch has
been studied using theoretical and numerical methods. An analytical solution is obtained that describes time
variation of the mean QD size at the kinetic growth stage. © 2005 Pleiades Publishing, Inc.

The spontaneous formation of coherent nanodimen-
siona idands in heteroepitaxial systems with lattice
mismatch is widely used for obtaining quantum dot
(QD) ensembles featuring three-dimensional (3D)
guantization [1]. This paper continuestheoretical inves-
tigations into the kinetics of QD formation in lattice-
mismatched heteroepitaxial systems[2-5]. The aim of
this study was to obtain atheoretical dependence of the
mean QD size on the process time at the kinetic growth
stage. Since the electrical and optical properties of QD
ensembles depend to a considerable extent on the QD
size, this problem is important for solving the task of
creating QD ensembles with preset structures and prop-
erties[1].

Previously, we obtained a kinetic equation describ-

ing the mean lateral size of QDs at the stage of island
size relaxation [2—4]:

O dz 16N _a»

() = 0,

where N is the surface number density of islands upon
termination of the nucleation stage, |, is the mean dis-
tance between atoms on the growth surface, ®(t) =
H(t)/hy, — Listhe ideal degree of system metastability,
H(t) is the effective thickness of a material deposited
by thetimet, hy, is the equilibrium wetting layer thick-
ness [6], and T is the characteristic time of delivery of
atomsfrom the wetting layer to idands. The function z(t)
is defined as (L{t)/aly)?, where L{t) isthe most repre-
sentative (average) lateral size of islands formed at the
moment of time tcorresponding to the maximum wet-

ting layer thickness, a = (6d,cot 6 /l,)V3, 0 isthe contact
angle at theisland side face, and d, is the atomic mono-
layer (ML) height.

Following [4], let us introduce the dimensionless
length I(t) = L{t)/Lr and dimensionlesstimet — t/tg,
where Ly is the characteristic lateral size of idands
upon termination of the size relaxation stage and ty is
the characteristic time of thisrelaxation process. TheLg
and ti values are given by the formulas [4]

2_ 1 he?®
t, = Sy Ledd™ 2
"7 3 ore] @
do(H,—h 13
Lg = gi—-———-———-——()( ISI eq)cotEH , ()

where @, = Hy/hy, — 1 is the ideal degree of system
metastability upon termination of the deposition pro-
cess and Hy is the effective thickness of a deposited
layer with QDs. In the case of molecular beam epitaxy
(MBE) at aconstant deposition rate V, the function ®(t)
involves two characteristic times: to, = he,/V isthetime
required for the formation of awetting layer with equi-
librium thickness, and t; is the time of termination of
the deposition stage [2]. The time variation of the
degree of metastability is described by the expressions
D(t) = V(t —to)/hgy for t <ty and d(t) = V(ty — teg)/ ey = Py
fort>t,.

(1)

Introducing the notation ¢3(t) = N
0

we can

rewrite Eq. (2) as

B4 = g%
g dt , (4)

g =o.

The physical meaning of Eq. (4) isasfollows. For ¢ =
const, this relation describes the time variation of the
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L, nm

1
100 125 150 175 200
s

0 25 50 75

Fig. 1. Theresults of numerical analysisof Egs. (4), (5), and
(12) for the values of parameters typical of the Ge/Si(100)
system (dg = 0.145 nm, hgg = 2.6 ML, 6 = 20°, N = 2 x
10% cm, 1=0.0296 s, |5 = 0.395 nm, £ = 0.07) [2] with an
effective thickness of Ge deposit Hy = 7.1 ML and a

deposition rate of M = 0.03 ML/s. The solid curve shows
solution (5), the dotted curve represents the exact numerical
solution of Eq. (4), and the dashed curve shows approxi-
mate solution (12).

mean QD size at a constant amount of deposited mate-
rial, while the slow (as compared to therate of variation
of theidand size) change of ¢ with time reflects varia-
tion of the total amount of deposited material due to
adsorption. It isassumed that the effective thickness H,
is not much greater than the critical thickness corre-
sponding to the transition from 2D to 3D growth, which
istypical of the growth of coherent islands. For thisrea-
son, the mean QD size exhibits stabilization at a value
corresponding to Hy, whereby the metastability of the
system tends to zero and the secondary nucleation of
islands does not take place [7].

If the ¢ value isindependent of time, the exact solu-
tion of Eq. (4) obtained previously [4] hastheform | =
OA (1), where the function A(t) is determined from the
relation

Wl+}\+)\|:| Jg L
1% ﬁ’amtan I +ﬁ'(5)

Equation (4) is solved here under the condition that

t—t. =1In

tg
£ = ——— < 1. 6
S(to_teq) ( )

The smallness of € is provided by the hierarchy of char-
acteristic times involved in various stages of island
nucleation and growth [2—4]. Physicaly, condition (6)
implies that island size relaxation is a more rapid pro-
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cess than deposition of a material layer with an effec-
tive thickness H,. Introducing f(et) = ¢(t), one can
readily check that the function f and its time derivative
are on the same order of magnitude. A solution to
Eqg. (4) will befound in the form of an asymptotic series

1(t) = A[f(et)t] (f(et) + (1)),

c )
3(t) =5 5, (t).
25"

Substituting this series into Eq. (4) and taking into
account therelations A3+ A3f3=f3and 3\ ' = 1 -3,
we arrive at a differential equation for o(t). Equating
terms of the same power in g, we obtain

k() + 9(t)8(t) + hy(t) = 0,

0(0) = 0, ®)
where
2+A° [d(1)1]
g(t) = —=—"0(1), 9)
3N[H(0)Y]
) = 3+ (1= A LLODGO ey (10

3N o]

and the other hy(t) functions are aso readily found.
Each linear equation of the type of Eq. (10) has a solu-
tion

t t

o (t) = J’dt'hk(t')expE)—Ig(t")dt‘%. (1D
! o4 O
Even the first approximation
11(t) = A[F(et)t] (f(et) +3,(1)) (12)

provides for a much more accurate approach to the true
solution than A(t) found in [4]. Figure 1 shows the
results of numerical analysis of Egs. (5), (6), and (12)
in atypical case of MBE at a constant deposition rate
and a constant substrate temperature. As can be seen,
expression (12) well approximates the exact solution,
while solution (6) obtained previously gives obviously
(sometimes, more than twofold) overstated mean QD
sizes at all times. Thus, solution (12) stipulates a
smoother variation of the mean QD size at the kinetic
growth stage. These conclusions are confirmed by
Fig. 2, which presents a comparison of the results of
numerical modeling of Egs. (5), (6), and (12) plotted as
L versus the effective thickness of the deposit for the
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Fig. 2. A comparison of the results of numerical modeling
of Egs. (4), (5), and (12) for the Ge/Si(100) system with var-
ious effective deposit thicknesses H by the time of termi-
nation of the deposition process (hgg = 2.6 ML, 6=20°, N =
2 x 101% cm™?). The solid curve shows solution (5), the dot-
ted curve represents the exact numerical solution of Eq. (4),
and the dashed curve shows approximate solution (12).
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In conclusion, we have constructed an analytical

solution of the equation for the mean QD size, which
gives a good approximation to the exact solution. The
obtained results provide an exact prediction of the
mean QD size for a given effective deposit thickness
and sample exposure time and can be used in investiga-
tions of the process of QD formation in heteroepitaxial
systems such as InNAS/GaAs and Ge/Si.

process of hut cluster formation in the Ge/Si(100)
system [4] by the time of termination of the deposition

process.
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Abstract—The formation of a deep nonstationary potential well in the gap between the cathode flare front and
the anode has been modeled with alowance for afloating potential at the boundary of an expanding plasma. It
is shown that along-lived potential well with a lifetime on the order of nanoseconds can form in the vacuum
diode. The obtained results provide an explanation of the phenomenon of collectiveion acceleration at the spark
stage of vacuum discharge. © 2005 Pleiades Publishing, Inc.

Introduction. Despite the fact that quite clear
notions have been developed by now about the physics
of spark discharge in vacuum [1], one of the most inter-
esting effects accompanying the operation of this dis-
charge is till the subject of discussion and contro-
versy. The effect, which was originally observed by
Plyutto [2] in aplasmadiode, is manifested by the gen-
eration of anomalously accelerated positive ions in the
form of short-lived clusters (bunches) moving from the
cathode toward the anode. The energy of theseionsis
considerably higher than that corresponding to the
potential difference U, applied to the discharge gap: for
instance, at U, = 300 kV, theion energiesin avacuum
diode reach 10-15 MeV [3]. An important feature of
the spectrum of light ions is that the maximum ion
energy ~3ZeU, is proportiona to the ion charge Z.
These ion energies can only be attributed to the exist-
ence of strong collectiveinteractions between electrons
and ions of the cathode plasma.

A theory of the Plyutto effect in avacuum diode has
been developed [4] based on the idea of the formation
of a deep nonstationary potential well [5, 6] that was
previously successfully used in the moddl of collective
ion acceleration in the case of electron beam injection
in agas. In order to demonstrate the possible appear-
ance of adeep nonstationary potential well in avacuum
diode, the model constructed in [5] was used to solve a
nonstationary one-dimensional problem concerning the
formation of avirtual cathode upon injection of ahigh-
current electron beam into a diode with an accelerating
electron field [4]. According to the model adopted, a
monoenergetic el ectron beam with an electron velocity
Vv, and adensity n, = const was injected at t = 0 into the

half-space x > 0 (behind the cathode plane x = 0), where
electrons moved in a homogeneous external electric
field E,. It was found that, provided the conditions of
the potential well formation are satisfied, the depth eU
of a nonstationary potential well is independent of the

accelerating field: eU = —gvv, where W is the kinetic
energy of an electron.

However, the theory [4] was constructed using cer-
tain simplifying assumptions restricting the domain of
validity of the results. In particular, the self-field of the
electron beam was calculated for the half-space
bounded by the grounded cathode plane. The analytical
model used in [4, 5] had a hydrodynamic character and
was valid only before the formation of a multivelocity
electron flow (i.e., before the first reflection of parti-
cles) asaresult of the appearance of thevirtual cathode.
Finaly, the analyticadl modedl [4] was nonrelativistic.
Recently, these limitations were analyzed in a study [7]
devoted to numerical simulation of abeam entering the
gap between the cathode flare front and the anode.

In avacuum diode, the cathode flare front (expand-
ing plasma front) moves in space and occursin afloat-
ing potential. However, a change in the position of this
front during the time of virtual cathode formation is
insignificant. For this reason, the cathode flare front
was assumed in [7] (as well asin [4]) to be immobile
and occurring at a constant potential. The electron
beam dynamics was simulated for electrons at the
plasma front accelerated in the space charge field of
ions, while the return of reflected electrons to the gap
between the plasma front and the anode (i.e., their sec-
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ondary reflection) was not taken into account. Sincethe
current in the case of plasma rupture significantly
exceeds the Langmuir value (corresponding to the gap
between the plasma front and the anode), the problem
was simplified by assuming that the gap did not contain
electrons at the initial moment. The results of numer-
ical simulation [7] generally confirmed the analytical
model [6], but the use of a constant potential at the
plasma front and the loss of reflected electrons led to a
significantly understated lifetime of the deep potential
well in the numerical experiment.

In this study, the numerical simulation has been per-
formed with allowance for the floating potential in front
of the cathode flare and the possible secondary reflec-
tion of electronsin this region. The size of the charged
plasmaregion at the plasmafront is on the order of the
Debye radius, which is much smaller than the size of
the neutral plasma region and the gap width between
the plasmafront and the anode. The electric field in this
region is created by an external source and the charged
plasma formed by immobile ions and backscattered
electrons of the beam. For simplicity, the electric field
of the ions is replaced by the field of a positively
charged electrode situated at adistanced, from the cath-
ode (d, is much shorter than the interel ectrode distance
d). Thus, the electron beam dynamics is simulated in
triode geometry with afloating potential at the grid.

Numerical simulation. The simulation was per-
formed by the particle in cell method (the same as that
used in [4]). The particles (plane charged layers) move
along the x axisin the gap between the plasmafront and
the anode in accordance with the equations of motion

ax _

E_B’ o
0B _ €E . g2y

mC2(1 B,

T = ct.
dt

Here, B = vicistherelative velocity of aparticle, tisthe
current time, E = E, + E;, and E; is the self-field of the
electron beam, defined as

_ _do
Es = —5- @)

The self-field is determined by solving the Poisson
equation

2
((jj—qz) = —4T11en, 3
X

where ® isthe scalar potential created by the beam with
charge density en.
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Thetotal potential in the system is defined as

U=%x+¢for0<x<di;
i

Uzya’*—_:a%x+d>fordi<x<d,

where U, is the potentia at the ion layer boundary and
X = 0 corresponds to the boundary between neutral
plasmaand theion layer. The boundary conditionswere
selected so as to correspond to zero potential @ =0 at
x =0 and on the anode. Equation (3) was solved by
method of fast Fourier transform. Thefieldswere deter-
mined by numerical differentiation of the potential at
the adjacent nodes of the lattice.

At the initial moment, particles were uniformly dis-
tributed along the beam length in the region in front of
the cathode flare. Then, the particles were injected into
the gap at a constant velocity. The energy of injected
electrons must correspond to apotential drop acrossthe
neutral part of the plasma column. However, in order to
increase the calculation speed, we used particles with
the energies greater than thermal energy, though still
much lower than the energies acquired in the ion layer.
The number of particles was varied (depending on the
conditions of the numerical experiments) from 10° to
3 x 10°. The gap was divided by the lattice with a con-
stant step, so that the number of nodes varied from 28
to 22, The charge density was determined by counting
the number of particles at the lattice nodes, whereby
each particle was assigned to adjacent nodes with the

X = x|
h
the ith lattice node and h is the lattice step. The accu-
racy of the calculations was checked by comparing the
results to those obtained in the previous numerical

experiment [4].

Results and discussion. In the course of the simu-
lation of the evolution of a potential U in the gap
between the cathode flare front and the anode, the main
parameters were selected close to the known experi-
mental values [3], taking into account the approximate
equality Ug = U, [8]. Figure 1 shows the evolution of
the relative potential well depth U/U, inthe gap, which
was calculated for the following parameters:. injected
current density, jo= 13 kA/cm? accelerating gap
length, d = 0.7 cm; ion layer width, d; = 0.01d (for a
Debye radius, dy = 50 pum); potential difference, U, —
U; = 60 kV; applied voltage U, = 300 kV. The critica
current density for the gap between the cathode flare
front and the anode, above which a deep potential well
isformed, is given by the expression [7]

Bo
m(d—d)?

weightsw, = 1 — , Where X; is the coordinate of

Jtr = IA
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Fig. 1. Evolution of thetotal potential distributioninthe gap
between the cathode flare front and the anode (with 15-ps
timeintervals).
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Fig. 2. Time series of the relative anode current density for
an electron beam in the model vacuum diode.

where |, = mc®/e 017 kA isthe Alfvén current and 3,
is the relative velocity of electrons accelerated in the
ion layer. For the selected parameters, j/j, = 1.5.

Figure 2 shows the ratio of the anode current to the
current at the plasma front calculated for the above
parameters. A comparative anaysis of the data pre-
sented in Figs. 1 and 2 shows that the adopted vacuum

TECHNICAL PHYSICS LETTERS  Vol. 31

BARENGOL’TS et al.

diode model described aboveischaracterized by arapid
formation of adeep potential well with alifetime onthe
order of nanoseconds. The breakdown of the current
outburst is probably determined by processes accompa:
nying the propagation of the charged plasmaregioninto
denser layers of neutral plasma, which determines the
rear front of the injected current. These processes fall
outside the framework of the model under consider-
ation and require additional investigation. As can be
seen from Fig. 1, the depth of the potential well isabout
2.4U,. The average anode current density at the out-

burst is about 8 kA/cm?. Since the quasi-stationary
oscillations of the anode current density in the numeri-
cal experiment are about 1.2 kA/cn??, this result agrees
well with the experimental data reportedin [3].

Thus, taking into account the experimental fact of a
significant increase in the potentia at the cathode flare
front (up to a level comparable with the applied volt-
age) and admitting rupture of a rare plasma at the
boundary, our numerical simulation of the electron
dynamics in a vacuum diode (with allowance for the
floating potential and multiple reflections of electrons
at the plasma front) showed the possibility of a poten-
tial well existing for along time (on the order of nano-
seconds) in the diode. In agreement with [4], this
explains the collective acceleration of electronsto high
energiesin such diodes.
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Abstract—A new, previously unreported physical phenomenon has been observed in experiments with high-
velocity impact of various strikers on metal targets of finite thickness. According to this, sufficiently strong and
tough structural materials (armor steel, titanium alloys, etc.) exhibit fractionation of the spall plate formed upon
dynamic contact with the striker or its deformed part. Thisaways resultsin an odd number of fragments (three,
five, seven, etc.) of similar configuration. Systematic experiments on retained samples revealed progressive
fractionation of the spall plates, with the number of fragments increasing up to eleven. Further evolution was
difficult to follow because trapping of the fragmentswas hindered by their high vel ocities, which led to unavoid-
able additional fragmentation of the spall plates in the course of their interaction with a gradient package of
trapping material (ranging from felting to sand). © 2005 Pleiades Publishing, Inc.

The results of systematic investigations devoted to
the high-velocity impact of various strikers on metal
targets of finite thickness have revealed a new physical
phenomenon, which it is suggested to call shock-spall
asymmetry and which is observed in experiments on
retained samples for a rather broad variation of the
striker size (1 g to 1 kg) and shape (compact to elon-
gated).

It was established [1] that the time of spall damage
development during high-velocity collisions of various
strikers (compact and elongated bullets and projectiles)
with targets of finite thickness may be comparable to
the time of penetration of the striker or its deformed
part through the target, which leadsto acontact interac-
tion of the spall plate with the striker. In the case of a
plastic target material, this resultsin the formation of a
through holein the spall plate, with a diameter equal to
that of the projectile (or its deformed part). In suffi-
ciently hard structural materials, the spall plate exhibits
fragmentation. This pattern was confirmed by indepen-
dent experiments involving X-ray radiographic moni-
toring of the process of striker penetration through a
target and trapping of the spall platesin specia devices.

This pattern of interaction between a striker and a
spall plate was also confirmed by the results of para
metric theoretical investigations involving the initial
and boundary conditions matched with experiment.
Numerical ssimulations of the high-velocity interaction
of various strikers with targets of finite thickness and
the process of target fracture in axisymmetric geometry
were performed using the method of finite elements|[2].
In the general case, the interaction involving finite-size
bodies is modeled by a compressible viscoelastic
medium. The behavior of this medium under dynamic
loading conditions is characterized by the shear modu-

lus, dynamic yield point, and parameters of the adopted
kinetic model of fracture describing the nucleation and
evolution of microscopic damage continuously modify-
ing the material properties and inducing the relaxation
of stresses[3].

In this study, the shock-spall fracture of structural
materials was simulated based on the notions of a con-
tinuous measure of damage, which was represented by
the specific volume of cracks [4]. The rate of increase
in the specific volume of cracks was set as afunction of
the acting pressure and the existing volume of cracks.
In the course of fracture, the strength properties of the
medium decrease according to certain laws [5]. This
approach was used for the numerical simulation and
analysis of the interaction of flat targets with various
strikers representing three characteristic types:. platelet,
compact (aball or a cylinder with the height equal to
the diameter), or elongated (a sharp-ended bullet or a
rod). Theresults of numerical cal culations showed con-
vincing evidence that both compact (having compara-
ble dimensions in all directions) and elongated (a
sharp-ended bullet or arod) strikersinteract with aspall
plate and break through this plate.

Systematic experiments on retained samples, with
trapping of the spall plate fragments, showed that suffi-
ciently strong and tough structural materials (armor
stedl, titanium alloys, etc.) exhibit fractionation of the
spall plate formed upon dynamic contact with the
striker or its deformed part. This always results in an
odd number of fragments (three, five, seven, etc.) of
similar configurations.

Figure la presents a photograph of the cross sec-
tions of a broken steel target (HB, 300 kgf/mm?). Fig-
ure 1b shows the photographs of trapped spall plate

1063-7850/05/3102-0167$26.00 © 2005 Pleiades Publishing, Inc.
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(a) (b)

Fig. 1. Photographs of retained samples: (a) cross section of
a broken target along a symmetry plane; (b) model strikers
(left) and trapped broken (top) and intact (bottom) spall
plates.

(a) (b)

Fig. 2. Trapped fragments of spall plates formed upon per-
foration of a steel target by elongated strikers of different
configurations (see the text).

fragments: (top) three fragmentsformed upon impact at
avelocity of 3386 m/s and (bottom) intact spall plates
not broken by a striker incident at a lower velocity
(about 3010 m/s); Fig. 1b (left part) also shows the
strikers of different weight (compact cylinders with the
height equal to the diameter) used in this series of
experiments.

Figure 2 shows the spall fragments trapped in the
experiments with 22-mm-thick steel targets (HB,
300 kgf/mm?). The three fragments in Fig. 2a were
formed upon an impact at 1988 m/s using a rodlike
striker with a diameter of d = 11.4 mm and an aspect
ratio (theratio of cylinder length | to diameter d) of A =
I/d = 4; five fragmentsin Fig. 2b were trapped upon an
impact at 1688 m/s using arodlike striker with adiam-
eter of d = 6.7 mm and an aspect ratio of A = 12. The
results of experiments on retained samples revealed
progressive fractionation of the spall plates, with the
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number of fragments increasing up to eleven. Further
evolution wasdifficult to follow because trapping of the
fragments was hindered by their high velocities (it is
necessary either to increase the impact velocity or
reduce the target thickness), which led to unavoidable
additional fragmentation of the spall plates in the
course of their interaction with a gradient package of
trapping materia (ranging from felting to sand).

Thus, a new, previously unreported physical phe-
nomenon has been observed in experiments with
dynamic loading of metals and aloys by means of the
high-velocity impact of various strikers. According to
this, perforation of the targets of finite thickness by a
high-velocity striker (compact or elongated) is accom-
panied by theinteraction of aspall platewith the striker.
In the case of sufficiently strong and tough structural
materials (armor steel, titanium aloys, etc.), the spall
plate always breaks into an odd number of fragments.
This phenomenon is of considerable basic interest and
practical significance related to the development of a
theory of the dynamic fracture of various materials, the
physics and mechanics of projectiles breaking through
thick and complex structures, the formation of spall
fragment fluxes, etc. [6, 7]. A theoretical explanation of
the observed phenomenon and devel opment of the cor-
responding physicomathematical model would be of
interest from both a basic and practical standpoint.
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Abstract—Theinitial stage of the development of instability in thefront of anionization wave, whichisrelated
to the multiplication of electrons at their small background density, is theoretically described. An analytical
expression is obtained for the growth rate of small perturbations as a function (universal for the given gas) of
the reduced field strength E/p (where E isthe electric field strength and p isthe gas pressure). Therate of insta-
bility development is calculated for helium, xenon, nitrogen, and sulfur hexafluoride. A new criterion of
streamer formation is found. © 2005 Pleiades Publishing, Inc.

Introduction

It was pointed out previously [1-5] that the propaga-
tion of eectric discharge in a dense gas is sometimes
determined by multiplication of the electrons present at
a small background density rather than by the transfer
of electrons or photons in the medium. The density of
such electrons exhibits significant growth at a value of
the applied electric field strength below (but close to)
the breakdown threshold [2, 4, 5]. The most intense
electron multiplication takes place at a conducting sur-
face, where the field strength exhibits growth. The mul-
tiplication wave frequently propagates in the form of
relatively narrow channels. This mechanism of dis-
charge propagation is independent of the electric field
orientation, which makes it possible to reject the well-
known hypothesis of streamer propagation [6]. Solving
the problem of description of the ionization wave prop-
agation in adense gasis aso important for understand-
ing the mechanism of high-power subnanosecond
electron beam formation in gases at atmospheric pres-
sure[7, 8].

This Letter is devoted to an analysis of the stability
of the electron multiplication wave front.

Background Electron Multiplication Wave

Electron multiplication wave front velocity. It
was previously demonstrated [1-5] that propagation of
the background electron multiplication wave can be
described using a simple model. Within the framework
of thismodel, the electron density N, at a point with the
radius vector r at thetimet can be expressed as

Ng(r, t)
 ENoexpIV,(EM)H] for Noexp[V(E(M)] <N,
" BN.., for Noexp[vi(E(r)) = N, (1)

where N, is the background plasma density, N is the
critical value of this density that provides for the com-
plete screening of the external field, E is the electric
field strength, and v; isthe ionization rate.

An expression for the multiplication wave front
velocity obtained using relation (1) is asfollows:

U = Vilo
" UEdp) @
_ oy oCHIN(Uge(E/P) & (E/p))
((Ey/p) = ZLHD din(E/p) DE/p=EO/p'

where E, = E(z(0)) isthefield strength on the front sur-
face, ry is the radius of the sphere approximating the
front surface, p is the neutral gas pressure, and Ln =
IN(Ny/Np). Theionization rate v; = o;uye IS expressed as
a product of the Townsend coefficient o;(E, p) =
p¢(E/p) and the electron drift velocity ug(E/p), where
&(E/p) is the function characteristic of a given gas. It
was established [9-12] (see dso reviews[7, 8]) that the
ionization rate v;(E/p) exhibits amaximum at a certain
value of E/p = (E/p).,. In what follows, consideration
will be restricted to the region of not very strong fields
such that E/p < (E/p) -

Factor s accounting for the development of insta-
bility. As can be seen from Eq. (2), the multiplication
front propagation velocity in the case of a plane wave
becomes infinitely large, which implies that ionization
takes place simultaneously in the entire volume. In real
systems, the volume mechanism of ionization is unsta-
ble. The behavior of both streamer and spark discharge
is determined by thisinstability.

The conclusion that a plane wave front has to be
unstableis confirmed by simple considerations. Indeed,
let the plane front be distorted for some reason so that

1063-7850/05/3102-0169$26.00 © 2005 Pleiades Publishing, Inc.
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it exhibits small protrusions and depressions. The elec-
tric field lines will concentrate on the protrusions and,
accordingly, the electron multiplication rate and the
front propagation velocity at these points will increase.
Therefore, the protrusions will tend to grow, the field
will continue to concentrate, and so on.

In order to calculate the shape of the resulting
plasma bunch, it is necessary to consider Eq. (1)
together with atwo- or even three-dimensional Laplace
equation. Below, consideration is restricted to the case
when the multiplication wave front perturbation can be
considered to be small. The approach is analogous to
that used in monograph [6] for the description of adif-
ferent mechanism of the ionization front propagation.

Initial Stage of Perturbation Growth

Perturbation potential. In the absence of a pertur-
bation, let ustreat the multiplication wave front as aflat
conductor propagating at a velocity v along the z axis,
assuming the potential on the front surface to be zero.
Variation of the unperturbed potentia ¢, as a function
of the coordinate and time is described by the expres-
sion ¢, = —E4(z— ug,t), where E; is the field strength on
the front surface.

Consider asmall perturbation of the front surfacein
the form of aplane wave with afrequency wand awave
number k. The related displacement in the direction
perpendicular to the surface can be expressed as

¢(x 1) = goexpli(kx—wt)],

where &, is the displacement amplitude.

The perturbation givesriseto asmall additivein the
potential, so that ¢ = ¢, + ¢,. The additive ¢,, as well
asthetotal ¢, must obey the Laplace equation Ad, =0
andtendto zero asz—» . In addition, the additive has
to satisfy the condition of zero potential, ¢(2) =0, at the
front of the electron multiplication wave, that is, at z=
Ut + & = ugt + Egexpli(kx — wt)]. In the case of asmall
perturbation (k&, < 1), al these conditions are met by
the function ¢; = —E&exp[i(kx — wt) — k(z — ugt)].
Thus, the perturbed potential can be expressed as[6]

¢ = —Eo{(z—Ut) —&oexpli(kx — wt) —k(z—u 1)} @

Perturbation growth rate. The condition of con-
stancy of the potentia ¢ at the wave front can be
expressed as

dd/dt = ap/at

4

+(0z/0t)0¢p/0zp = 0¢p/ot +u,dd/0z = O. @)
Substituting the expression for potential (3) into condi-
tion (4) and ignoring the dependence of the ionization
wave propagation velacity u;, on the field strength E,
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we obtain iw = 0. Thisimplies that the small perturba-
tion & inthis case doesnot change with time (indifferent
equilibrium).

However, in fact the wave propagation velocity at
E/p < (E/p). increases with the electric-field strength.
For asmall variation of the field, |[§ |, we have

U (E) = U (Eo) + (duy/dE)||09,/07.

Substituting this expression into condition (4) and
ignoring small terms on the order above linear with
respect to &, we obtain

w =1y, Yy = k(dug/dE)|g.Eo, 5)

where y is the growth rate of the small perturbation
amplitude. The fact that this value is positive (together
with the derivative (du;,/dE)g,) indicates that the small
perturbation exhibits exponential growth or, in other
words, the electron multiplication wave front exhibits
instability.

Discussion of Results

Perturbation growth rate as a function of the
field strength. Using relation (2), the expression for
perturbation growth rate (5) can be rewritten as

d Vi
y = krogj—EEE E:EOEO. (6)

In the case when the perturbation determines the radius
of curvature of the wave front inhomogeneity, the quan-
tity krg ison the order of unity.

Based ontheresultsobtainedin[7-12], itispossible
to determine universal dependences of the perturbation
growth rate on the reduced field strength E/p at the
wave front for krp = 1 as

d Vg

- O Vi
Vo - Ej(E/p) ZD E:EO(EOIp). (7)

The results of calculations of the electron multipli-
cation wave characteristicsfor helium, xenon, nitrogen,
and sulfur hexafluoride are presented in the figure. It
should be noted that, for E/p < 1/2(E/p).,, theionization
rateissignificantly greater than the perturbation growth
rate: vi/y, ~ 2Ln > 1. The results of calculations show
that the characteristic distance traveled by the wave
front during the time 1/y, of instability development is
on the order of u;/y, = (0.3-0.8)ry. Thisimpliesthat the
streamer head splits into separate bunches with charac-
teristic transverse size much smaller thanr . The stability
of the streamer at the initial stage of the instability devel-
opment is probably related to finiteness of the screening
layer and to the limited plasma conductivity [6]. In the
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Fig. 1. Plots of the perturbation growth rate yp, modulus of the ionization front velocity s, the electron drift velocity uge, and the
ionization rate v; versus reduced field strength Eq/p for (&) helium, (b) xenon, (c) nitrogen, and (d) sulfur hexafluoride calculated

forp=1bar,Ln=184,andry=0.1cm.

electron multiplication wave, the transverse size of the
inhomogeneity is also limited by the distance between

particles at the background electron density (~ Ng” $ -~

102 cm). It should be noted that it is possible in princi-
ple to obtain a spark channel in the form of a bundle
consisting of many thin threads.

Criterion of streamer formation. A criterion for
thetransition from avalancheto streamer propagationis
usually formulated as a;d > 20, where d is the distance
between flat electrodes. This condition implies that the
number of electrons formed in the avalanche is large
enough to provide for a sufficiently high strength of the
electric field at the avalanche head.

Evidently, this condition (at least, in the case of
background ionization) is insufficient. In fact, the vol-
ume multiplication of electrons may take place before
the spark channel will closethe electrodes. An adequate
criterion determining the transition from a volume dis-
charge to the spark breakdown can be formulated as

Usr (Eo) vi(Eo)r
Sa UE o Syt
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where E is the field strength between the electrodes,
which issignificantly lower than the field strength E, at
the streamer head.

Thus, if the field strength in the volume is high
enough to ensure a fast volume multiplication of elec-
trons, thistime can be insufficient for the spark channel
formation. Of course, the field in the volume should be
also generated quite rapidly in order to eliminate the
spark breakdown in the field buildup stage (thisimplies
that the front of the voltage applied to the electrodes has
to be sufficiently steep).

Conclusions. The electron multiplication wave
front is unstable with respect to small perturbations in
the form of protrusions and depressions. The perturba-
tion growth rage is described by a function of the
reduced field strength, which is universal for a given
gas. The wave front instability leads, in particular, to
streamer formation.
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Abstract—A mode! describing the growth of A'"'AV semiconductor compounds from a melt has been devel-
oped based on an axisymmetric potential of pair interaction between atoms in the growing crystal and in the
melt. Numerical experiments performed according to the proposed model allowed the density of the flux of
atoms deposited onto the crystal surface at the initial growth stage to be determined. © 2005 Pleiades Publish-

ing, Inc.

The growth of semiconductor single crystals with
preset properties from melt is the main task of modern
materials science for solid state microelectronics. Solv-
ing this problem requires knowledge of the function
describing the interatomic interaction, which serves a
base for constructing a model of the semiconductor
crystal growth from the liquid phase.

In this Letter, we describe a new type of interaction
potential, which takes into account some specia fea
tures of the atomic arrangement in the liquid phase at
the crystal surface. The proposed potential was used
within the framework of the molecular dynamics simu-
lation of the growth of a single crystal from melt. In
particular, we simulated the growth of a gallium phos-
phide single crystal from a solution of phosphorus in
galium melt.

According to the proposed approach, the interaction
of atomsin solution is described in terms of spherically
symmetric Lennard-Jones and Born—-Meyer potentials.
In particular, the Ga—P interaction was described as

_ D rdd'_ dd Enil
V(r) = ﬁ—_—rﬁ[mDrD —nDrD +ABMeXpDaD’ Q)

and the Ga—Ga and P-P interactions were described as

d
V(r) = Asuexpg, 2

wherer = /x* +y° +Z° and D, n, m, ry, @, and Agy, are
constant parameters[1].

Potentials (1) and (2) describe well the interatomic
interactionsin solution [2, 3], since this medium can be
considered completely isotropic. However, these poten-

tials are not as adequate for describing the interactions
of atoms occurring in solution with atoms of the crystal
because the potential of a particle at the liquid—solid
interface is not spherically symmetric. For this reason,
we suggest describing the interactions of atoms occur-
ring in solution with atoms on the crystal (substrate)
surface in terms of the axisymmetric potential

1 1617 z-a)]
V(r) = 3.5cos%%%exp% = %exp%( - ) % ©)

wherer = J/x°+y°.

The proposed potential (3) is characterized by dif-
ferent numbers of extrema in various directions
(Fig. 1), which alows the interaction of atoms occur-
ring in solution with atoms of the substrate to be
described more adequately. Another feature of poten-
tial (3) is the presence of a small maximum at r # 0.
This maximum represents a part of the toroidal surface
characterizing the activation energy of diffusion for
phosphorus atoms on the crystal surface. The parame-
ters of the potential were selected so that the calcul ated
density of the flux of atoms deposited onto the crystal
surface would agree with experimental data available
for the same system supercooled by 50 K relativeto the
temperature of liquidus.

The main goal of this study was to determine the
influence of the proposed axisymmetric potential on the
mechanism of crystal growth from melt. From the
standpoint of molecular dynamics, two main mecha-
nisms are the deposition of separate atoms and the clus-
ter growth, whereby groups (clusters) of atomsarrive at
the substrate surface.

1063-7850/05/3102-0173%$26.00 © 2005 Pleiades Publishing, Inc.



Fig. 1. The shape of the proposed axisymmetric potential at
the melt—crystal interface.

dN/dt x 10712

i = Seey

0 2 4 6 8 10
tx 102 s

Fig. 2. Crystal growth kineticsfor the bulk phosphorus con-
centrations xp = 0.0667 (solid curve) and 0.0125 (dotted

curve) at theinitial stage of the transition process at AT = 0.

The numerical experiments (computer simulations)
were performed for various bulk concentrations of
phosphorus in the melt: x, = 0.0125, 0.025, 0.067, and
0.1 (molar fraction). The liquidus temperature was
determined from the relation [4-6]

15992

X(T) = expi +8.67, @)

where X(T) is the molar fraction of phosphorusin gal-
lium melt at a given temperature T.

TECHNICAL PHYSICS LETTERS  Vol. 31

SHUNIKOV et al.

The results of computer simulations using proposed
potential (3) and relation (4) confirmed that, in agree-
ment with the behavior expected at the temperature of
liquidus, the growth rate (defined as the difference
between the rate of deposition from melt and the rate of
crystal dissolution) is zero. Oncethis condition was sat-
isfied, we concentrated on determining the time varia
tion of the flux density of atoms deposited from melt
onto the substrate surface for a period of time within
101s,

The numerical experiments showed that variation of
the bulk concentration of phosphorus in the melt, xp,
leads to a change in the mechanism of phosphorus dep-
osition onto the substrate surface. For X in the interval
from 0.025 to 0.066, the flux density kinetics of atoms
deposited from melt onto the substrate surface, dN/dt =
j(t, Xp), exhibitsajump (Fig. 2, region AB) followed by
a relatively smooth average decrease of j(t) with time.
This is explained by the onset of deposition of atomic
groups (clusters). As the bulk concentration of phos-
phorus in solution decreases (Fig. 2, X, = 0.0125), the
mechanism changes and the deposition of phosphorus
atoms proceeds predominantly in the form of separate
atoms.

The situation does not qualitatively change upon a
decrease in the temperature: the flux density somewhat
increases, but the mechanism of deposition remains the
same.

Anincreasein the bulk concentration of phosphorus
in the melt is accompanied by the growth in both num-
ber and size of the clusters. As xp increases to 0.1, the
flux density of deposited atoms decreases, which
impliesthat this phosphorus concentration corresponds
to the predominant formation of small-size stoichio-
metric clusters. Therefore, phosphorus in gallium melt
a X, = 0.1 probably occurs in the form of separate
atoms and P, molecules, the latter not entering into
clusters with gallium. In solution, it is energetically
more favorable to form nonstoichiometric clusters,
since clusters of the maximum size were observed at
small phosphorus concentrations. It should be aso
noted that, in the case of small phosphorus concentra-
tions, the maximum of the cluster distribution profile
was observed at a greater distance from the substrate
than in the case of large concentrations. Thisis related
to thefact that the substrate potential hinderstheforma-
tion of nonstoichiometric clusters.

Computer simulations revealed an increase in the
concentration of phosphorus atoms at the interface,
which could beinterpreted asthe formation of ad layer.
Thiswas confirmed by an increase in the concentration
of clusters near the interface as compared to that in the
bulk.

Using the results of calculations, we have also esti-
mated the coefficients of diffusion for both clusters and
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Abstract—We present new data on magnetization at T = 4.2 and 77 K for polycrystaline high-temperature
superconductors of the Bi,Sr,Ca,Cuz0, 4 5 System contai ning various amounts of nanodimensional inclusions
of tantalum carbide, niobium carbide, or niobium nitride. The introduction of these nanoparticles (<30 nmin
size) leads to an increase in the magnetization and the critical current density. It is established for the first time
that the dependence of the normalized critical current on the bulk concentration of indicated dopants is
described by the same universal curve. The interval of the optimum dopant concentrations is found, in which
the additives lead to the maximum increase in the critical current density. © 2005 Pleiades Publishing, Inc.

The use of high-temperature superconductors
(HTSCs) in power engineering, transport, technical
physics, and the mining industry requires the devel op-
ment of long wiring conductors. Such wires must pos-
sess a high critical current density J., which requires
the presence of either natural or artificial centers ensur-
ing the effective pinning of magnetic flux in the con-
ductor. Traditional methods of creating artificial pin-
ning centers, such as irradiation with high-energy ions
or neutrons, are (despite certain progress) still rather
complicated and expensive. Radiation treatment of
HTSC materials cannot be implemented on a commer-
cia scale. Evidently, some other, relatively ssimple
physicochemical methods capable of creating effective
pinning centersin superconducting materials haveto be
developed.

One possible approach to the creation of additional
pinning centers and improvement of the transport char-
acteristics of HTSCs, which is most promising from a
technological standpoint, is based on the introduction
of nanoparticles of specia inorganic additives
(dopants) that are inert with respect to the supercon-
ducting matrix. These additives, introduced at the stage
of HTSC material synthesis, have to be selected so
that, on the one hand, they do not reduce the critical
temperature of the initial superconductor and, on other
hand, they provide effective pinning of the magnetic flux.
There were attempts to dope HTSCs with nanodimen-
siond inclusions of magnesium oxide [1, 2], carbides of
niobium, tantalum, titanium, and silicon [3-6], and
hafnium nitride [7]. The results of these investigations
showed that doping with such additives makes it pos-
sibleto increase the critical current density of HTSCs

based on (Bi,Pb),Sr,CaCu,0Og,, (Bi2212) and
(Bi,Ph),Sr,Ca,Cuz0,4 . « (Bi2223) compositions[3—7].

This Letter presents new original data on a signifi-
cant increase in the magnetization of polycrystalline
HTSCs at both helium (T = 4.2 K) and nitrogen (77 K)
temperatures produced by nanoparticles of tantalum
carbide, niobium carbide, or niobium nitride. The
observed increase in the magnetization M means,
according to the critical state model [8], an increase in
the critical current density and implies the formation of
effective artificial pinning centers in the doped material.

The initial Bi2223 compound was synthesized by
method of carbonate coprecipitation using analytical-
grade Bi,O;, CuO, Ca0, Sr,0;, and Pb,O; compo-
nents. According to the X-ray diffraction data, the syn-
thesized powder contained predominantly a 2223 phase
(90 vol %) with small fractions of 2212 (5-10 vol %)
and 2201 (2-3 vol %) phases and traces of PbCaO,.
The artificial pinning centers in the base matrix were
created by introducing finely dispersed niobium nitride
(NbN), tantalum carbide (TaC), and niobium carbide
(NbC) powderswith acharacteristic particle sizewithin
10-30 nm. The weight fractions of additives were var-
ied from 0.05 to 0.2%. A mixture of the 2223 phase and
nanoparticles was stirred for 30 h in a rotating vessel
and then cold pressed into disks with adiameter of D =
10-12 mm and a height of h = 2-3 mm. The molding
pressurein all cases was the same (100 kgf/cm?). Then,
all samples of various compositions (including control
samples without additives) were simultaneoudly sin-
tered for 10 h at 840°C. Upon sintering, the ceramic
composites were studied by X-ray diffraction on a
DRON-4 diffractometer using CuK, radiation. All dif-

1063-7850/05/3102-0176$26.00 © 2005 Pleiades Publishing, Inc.
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fraction lines in the diffractograms were assigned to
known phases of the Bi—Sr—Ca—Cu—O system.

The magnetization measurements were performed
by the Hall magnetometry method using two semicon-
ductor Hall transducers counter-connected to the Hall
potential leads. Thefirst transducer (situated far from a
sample) measured the external magnetic field H, while
the other transducer (positioned at the sample surface)
measured the magnetic induction. The differential sig-
nal obtained upon instrumental subtraction of the out-
put signals of Hall transducers corresponded to the
sample magnetization M(H). The measurements were
performed at liquid nitrogen (T = 77 K) and helium
(4.2 K) temperatures. In the former case, the external
magnetic field was generated by a copper solenoid; in
the latter case, the field was generated by a supercon-
ducting NbTi solenoid.

Figure 1 shows the characteristic magnetization
curves M(H) measured at T = 4.2 K for the samples of
Bi2223 ceramics containing NbC nanoparticlesin var-
ious concentrations C = 0 (undoped control), 0.05, 0.1,
and 0.2 wt %. As can be seen, the introduction of this
additive leads to an increase in the sample magnetiza-
tion in the entire range of magnetic fields studied. An
increase in the width AM of the magnetization loop is
indicative, according to the critical state model [8], of
an increase in the critical current density. The width of
the magnetization curve was defined as AM(H,) =
M., (Ho) —M_(Hp), where M, (H,) and M_(H,) aretheval-
ues of magnetization measured in thefield increase and
decrease modes, respectively. Analogous results were
obtained for the Bi2223 ceramics with NbN and TaC
additives (see table). The critical current densities pre-
sented in the table were calculated using the formula
J.(Hp) = 15AM(Hy)/R, which takes into account the
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Fig. 1. Magnetization M(H) (T = 4.2 K) of polycrystalline
Bi2223 ceramics with various weight fractions of NbC
nanoparticles: (1) undoped; (2) Bi2223 + 0.05 wt % NbC;
(3) Bi2223 + 0.1 wt % NbC; (4) Bi2223 + 0.2 wt % NbC.
Solid curve and the inset show the M(H) curve measured for
the undoped sampleat T = 77 K.

demagnetizing factor and the field dependence of the
critical current [9].

Asthe temperature increasesto T = 77 K, the shape
of the magnetization curve changes and the AM(H,)
value sharply decreases. In order to illustrate the drop
in magnetization caused by the increase in the temper-
ature, Fig. 1 shows the data obtained at T = 4.2 K in
comparison to the M(H) curvemeasuredat T=77 K for

Characteristics of Bi,Sr,Ca,Cus0;q - 5 Ceramic samples containing various amounts of additives in the form of nanodimen-

sional inclusions

Volume Yo Alc?
Additive fr;/cvt?ognr,]t% coggle?tratign, (ShaT[E)I;a ﬁqzrﬁ T=77K T=42K
om H=0 H=40mT H=0 H=440mT

NbC 0.05 4.97 2x10 1440 345 38800 4400
NbC 0.2 199 2x10 1110 250 33600 4600
NbC 0.1 9.93 2x10 1430 380 40100 3100
TaC 0.05 2.76 2x10 1710 470 40700 2700
TaC 0.2 11 2x10 1780 540 41500 3000
TaC 0.1 5.52 2x10 1720 510 43900 2700
NbN 0.05 3.83 2x12 880 260 33600 4500
NbN 0.1 7.41 2x12 940 270 35200 2000
NbN 0.2 15 2x12 1210 355 32300 3100

- - - 2x12 870 176 19800 2700
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Fig. 2. Plot of the normalized critical current density at T =
4.2 K versus volume concentration of nanoparticles of var-
ious additives.

the undoped sample. It should be noted, however, that
the introduction of nanoparticles leads to a significant
increase in J. both at 4.2 K and at liquid nitrogen tem-
perature (seetable).

The observed increase in magnetization implies that
the introduced additives |ead to the appearance of addi-
tiona structural defects that play the role of artificial
pinning centers. In order to optimize the dopant con-
centration so asto provide for the maximum increasein
the critical current, it is necessary to analyze the depen-
dence of J, on the volume concentration n of impurities
(i.e., onthe number of pinning centers per unit volume),
rather than on their weight fraction. Although the
weight fractions of various additives were changed
within the same limits (0.05-0.2 wt %), the volume
concentrations of impurities (even for the same degree
of dispersion or the average particle size) significantly
varied because of the different densities of dopants. The
volume concentrations of nanoparticles were calcu-
lated assuming that the characteristic size of particles
was 20 nm and their densities were p = 8.4 g/cm?®
(NbN), 8.0 g/cm?® (NbC), and 14.4 g/cm? (TaC) [10].

Figure 2 shows a plot of the critical current density
at T=4.2K (normalized to the maximum value) versus
volume concentration of nanoparticles (pinning cen-
ters) for various dopants. As can be seen, the curve has
a universal domelike shape with a maximum in the
vicinity of n= (6-7) x 103 cm3,

Thus, the results of magnetization measurementsfor
the samples of polycrystaline Bi2223-based HTSC
doped with various amounts of nanoparticles of tanta-
lum carbide, niobium carbide, or niobium nitride
showed for the first time that these additives lead to a

TECHNICAL PHYSICS LETTERS  Vol. 31
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significant increase in the magnetization, which, in
turn, implies an increase in the critical current. The
most pronounced increasein the critical current density
was observed for the samples doped with TaC. Inazero
field, thegrowthin J, was 120% at T = 4.2 K and 100%
at 77 K. The maximum increase in J. (290%) was
observed at T = 77 K in amagnetic field of 40 mT. An
analysis of the curve of the normalized critical current
density versus the volume concentration of nanoparti-
cles shows that this relation is described by a universal
curve J.(n) with amaximum in the vicinity of the opti-
mum concentration of nanodimensiona inclusions,
N = (6-7) x 10" cm3. Using this universal curve, itis
possible to predict the optimum weight fractions of the
nanodimensiona inclusions of other dopants with a
given density and degree of dispersion (particle size).
Thewhole body of experimental data provides convinc-
ing evidence for the possibility of increasing J, of bis-
muth-containing HTSCs by introducing nanoparticles.
The prospects for further increase in the magnetization
and critical current density of HTSCs are related to a
decrease in the characteristic size of nanoparticlesto a
level comparable with the coherence length (§ = 0.2—
0.7 nm).
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Abstract—Variations of the entropy in the course of generation and propagation of localized plastic strain
waves in a solid is considered. It is shown that the formation of such waves leads to a decrease in the
entropy, which gives ground to classify the localized plastic straining in solids as a self-organization pro-

cess. © 2005 Pleiades Publishing, Inc.

It has been established previously [1-3] that local-
ization of plastic strain is a genera property of al
media and can be characterized by a macroscopic scale
expressed in terms of the wavelength A. Quantitative
characteristics of this autowave process in the linear
stage of strain hardening are asfollows. The wave prop-
agation velocity V,, is inversely proportional to the
strain hardening coefficient 6: V,, ~ 1/6, where 6 =
do/de; o isthe stress, and € is the strain. The wave fre-
guency w obeys a quadratic dispersion law, w(k) =
9(k— ko)? + wy, which is apparently equivalent to the
relation w = 1 + k? known in nonlinear mechanics [4].
In the stage of prefracture, where o = €", the vel ocity of
the fracture nuclei is proportional to the square of the
parabolicity exponent n: V,, = V*(n — g)%. The wave-
length A of localized plastic straining depends on the
grain size D and the sample size L, as described by the

Ao
For the observed wave processes, the above param-
eters fall within the following limits: 3 mm < A <
20 mm, 10°m/s< V,, < 10“ m/s, and 3 x 10° Hz <
w<2x10° Hz

Wave processes involved in the plastic straining of
solids have been known for along time and described
in detail [5, 6]. However, the propagation velocity as a
function of the strain hardening coefficient for the plas-
ticity waves has the form V,,, ~ 8¥2 5], which substan-
tially differs from the above relation for the localized
strain wave, V,,, ~ 671. The basic character of this dif-
ference suggests that the localized plastic strain waves
(autowaves [1-3]) revealed in our experiments repre-
sent wave processes of a new type. The existence of
such waves was theoretically predicted by Aifantis[7];
aclose approach has been developed by Naimark [8, 9].

The difference between V,,(8) functions for strain

waves of the two types leads to another divergence in
the behavior of these wave processes. It is natural to

relationsA =

assumethat the strain rate during the plastic flow is pro-
portional to the wave velocity, € ~ V,,. On the other

hand, € = bp,,V4g, Where p,, and V4 are the density
and velocity of mobile dislocations, respectively, and b
is the Burgers vector; therefore, € ~V,,. In the genera
case, the velocity of dislocations in the region of ther-
moactivated straining is determined by the relation
Vg ~ eXp(—G/kgT) [10], whereG=U -TS+ A, U isthe
internal energy, S is the process entropy, A is the
mechanical work, kg is the Boltzmann constant, and
Tis the absolute temperature. In the case of plastic
straining, A = —yo, where y is the activation volume.
Using the above relations, the strain rate can be
expressed as

(S0

£0V,0 Vad) soopHentH @

O kT O

For (U —yo)/ksT = const, we have InV,, ~ S.

The velacity of the localized strain wave was deter-
mined at the stage of easy glidein single crystalsand at
the stage of linear strain hardening in single crystals
and polycrystalline samples of various metals and
alloys [1-3]. This was done as described in [3], by
studying variation of the position of the strain localiza-
tion nucleus along the sample with time and by calcu-
lating the slope of this curve. The velocity of the plas-

ticity wave was calculated as V,,, = ./6/p, [5], where
P, isthe material density. These calculations were per-
formed using the published values of densities and the
0 values determined from the o(g) curves.

The curves of V,,(8) for the waves of the two types,
which are plotted in logarithmic coordinates in the fig-
ure, are obviously equivalent to the §0) curves for
these wave processes. In the case of plasticity waves
(straight line 3), the entropy exhibits an increase
(AS>0) that is characteristic of all processes with
energy dissipation. On the contrary, a decrease in the

1063-7850/05/3102-0089$26.00 © 2005 Pleiades Publishing, Inc.
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Plots of the velocities V,, of (1, 2) thelocalized strain waves
at the easy glide and linear strain hardening stages, respec-
tively, and (3) the plasticity waves versus the strain harden-
ing coefficient B for various crystalline materials.

entropy (AS< 0) observed for the localized strain waves
(straight lines1 and 2 for the easy glide and linear strain
hardening stages, respectively) can be considered [11]
atypical sign of self-ordering processes in deformable
media.

Asis known [12], the entropy of a system is deter-
mined by the degree of ordering, which is measured by
the so-called order parameter. In application to the plas-
tic strain localization waves, we have S~ In6. There-
fore, there are groundsto believe that the strain harden-

ing coefficient plays the role of an order parameter in
the process of plastic flow.
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Abstract—The diffusion of atransmutation isotope generated in'Y BaCuO ceramics irradiated by high-energy
charged particlesis mathematically analyzed. The model is based on the assumption that copper isotope atoms
created in subsurface layers of ceramic grains segregate at the grain boundaries in the course of subsequent
annealing and then rapidly diffuse viaintergranular regionsin depth of the material and penetrate into the bulk

of grains. © 2005 Pleiades Publishing, Inc.

Irradiation of a solid by high-energy charged parti-
clesleads to the generation of a radioactive transmuta-
tion isotopeimpurity [1]. Thissource of impurity atoms
has been previously used [2] for theinvestigation of dif-
fusion of a transmutation copper isotope in Y BaCuO
ceramics. However, the values of the diffusion coeffi-
cient determined using the Fick law turned out to be
lower than those obtai ned in the case when the impurity
was introduced by the traditional method from a layer
of copper deposited onto the surface of ceramics.

This discrepancy was qualitatively explained within
the framework of amodel proposed in [2], according to
which the transmutation isotope is generated predomi-
nantly inside the grains of ceramics. In the course of
subsequent annealing, the impurity atoms segregate at
the grain boundaries and then rapidly diffuse viainter-
granular regions in depth of the material and penetrate
into the bulk of grains. In this process, alimiting stage
is the slow diffusion in the grain bulk. In contrast, the
impurity atoms diffusing from a layer deposited onto
the sample surface enter directly into the intergranular
regions, rapidly diffuse there, and penetrate into grains.

This Letter presents a mathematical analysis of the
process of transmutation isotope diffusion in'Y BaCuO
ceramics.

By anaogy with the Fisher concept [3], let us con-
sider a ceramic sample representing a semi-infinite
medium occupying the half-space x = 0 and separated
into two parts (grain bodies) by a thin intergranular
region (interlayer) perpendicular to the x = 0 plane
(Fig. 1). The speed of diffusion in this interlayer is
assumed to be much higher than that in the grain.
Atoms moving in the interlayer are also capable of
entering into the body. Important assumptions are that
(i) therate of diffusionintheinterlayer isvery high and
(ii) theinterlayer thickness d isvery small. Thisimplies
that the gradient of impurity (diffusant) across this
layer (e.g., in the y axis direction) is absent, the impu-

rity concentration in the layer cross section is constant,
and the process of diffusion in the interlayer has a one-
dimensional character. Under these conditions, we can
ignore the motion of impurity in the grain body in the x
direction, so that diffusion in the grain is also a one-
dimensional processin they direction. We assume that
the coefficients of diffusion in the grain (D) and in the
interlayer (D,) are constant, the Fick law isvalid in both
media, and the grain—interlayer boundary isimmobile.

Using the above assumptions, we can write equa
tions describing the diffusion of impurity atomsin the
grain and interlayer and formulate the boundary condi-
tion at y = 0. Consider an element bddx in theinterlayer
volume and let ¢c(x, t) be the impurity concentration in
this element. The impurity diffuses from this element
into the adjacent grains, and there is also areverse dif-
fusion flux from these grainsto the interlayer. Owing to
a high rate of diffusion in the interlayer and a small
value of 9, theimpurity concentration in the entire cross
section x of the element is constant. Then, the amount
of impurity dQ, passing during aperiod of time dt from
the given volume element to the adjacent grain through

idx 5 b

T

o

Fig. 1. Schematic diagram of the model of impurity diffu-
sion in YbaCuO ceramics: (1, 3) ceramic grains; (2) inter-
granular region (see the text for explanations).

1063-7850/05/3102-0091$26.00 © 2005 Pleiades Publishing, Inc.
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Fig. 2. The volume impurity concentration profiles in the
ceramic grain: (1) initial distribution; (2—4) calculated
model profiles for t = 2.75, 5.5, and 8.25 h, respectively
(D=8 x 10713 cm?/s, D; = 3 x 108 cm?/s, g = 0.25,
h=0.4); (5) experimenta diffusion profile of %*Cu in
Y BaCuO ceramics.

aboundary area of bdx is proportional to the total con-
tent of impurity in the element,

dQ. = gc(x, t)bddxdt, 1)

where g is a proportionality factor.

Further, the amount of impurity dQ, passing during
the same period of time dt from the adjacent grains to
the interlayer through the same boundary area bdx is
proportional to the impurity concentration in the grain
S, 0, t) in the cross section x at the boundary y = O:

dQ, = 2kS(x, 0, t)bdxdt, )

where k is the corresponding proportionality factor.
A change dQ in the impurity content in the given

element due to diffusion viathe interlayer is

2
dQ, = Dlg—gbédxdt. 3)
X

Then, the total change dQ in the impurity content dur-
ing the time dt in the volume element under consider-
ation can be written as

dQ = dQp +dQ,—dQ.. 4
Taking into account that
dQ = dcbddx ®)

TECHNICAL PHYSICS LETTERS  Vol. 31

and using relations (1)—(5), we finally obtain the equa-
tion

dc _ . d°c
5? - Dlaxz + hS(X’ 01 t) —gC, (6)

where h = 2k/d. This equation describes diffusion inthe
interlayer with allowance for both the impurity pene-
trating into grains and the reverse flux of impurity from
grainsinto the interlayer.

The diffusion of impurity in the grain obeys the
equation

=023 ™

where S= (X, y, t) isthe impurity concentration.

In order to formulate the boundary condition at the
interlayer—graininterfacey = 0, let us assume that there
is a balance between the amounts of impurity supplied
to and removed from this plane. The amount of impu-
rity dQ, entering the interface area bdx from the grain
body during a period of timedt is

dQ, = DIS

bdxdt, )
ay y=0

while the amount of impurity dQ, coming to this area
for the same time from the interlayer is given by rela-
tion (1). The amount of impurity dQ, leaving the plane
y = 0to enter theinterlayer isgiven by an equation anal-
ogous to relation (2):

dQg = kS(x, 0, t)bdxdt. 9
Writing the balance condition as

dQp+dQ, = dQq, (10)
we obtain the relation
_Dg_§+ kS(x, y,t) = gdc(x,1), y =0, (11)

which is a generalized boundary condition [3] that
takes into account both the diffusion of impurity from
the interlayer to the grain and the reverse flux from the
grain to the interlayer.

The other boundary conditionsto be used in solving
the system of Egs. (6) and (7) are asfollows:

oc _

=0, and x = o;
ax 1X’anxooa

(12)

Let us assume that the interlayer in the initial state is
free from the impurity:

c(x,0) =0, x=0. (23
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Theinitial condition for the grain correspondsto the
copper transmutation isotope profile S= §x, y, 0) cre-
ated in an'YBaCuO ceramics by irradiation with high-
energy deuterons [2]. It is assumed that, for x = |, we
have 9, y, 0) = () = const.

Equations (6) and (7) with the boundary condi-
tions (11) and (12) and the above initial conditions for
the functions c(x, t) and S(x, v, t) have been solved by
finite difference method. The results of numerical cal-
culations gave the impurity concentrationsin the grain,
S, v, 1), and in the interlayer, c(x, t). The total volume
impurity concentration g(x, t) in the cross section x of
the grain was determined with neglect of the impurity
content in the interlayer, since this layer thickness was
negligibly small.

As can be seen from the cal culated impurity profiles
presented in Fig. 2, the volume concentration of impu-
rity atoms in the source zone decreases with time,
whereas their content in the bulk of the sample
increases. The results of calculations (profile 4) satis-
factorily agree with the experimental data (curve 5).

In conclusion, a mathematical analysis of the grain-
boundary diffusion model has confirmed the assump-

TECHNICAL PHYSICS LETTERS Vol. 31  No. 2
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tion made previously [2], according to which a trans-
mutation copper isotope created in the subsurface layer
of YBaCuO ceramic grains segregates at the grain
boundaries in the course of subsequent annealing and
then rapidly diffuses viaintergranular regionsin depth
of the material and penetrates into the bulk of grains.
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Abstract—The spectral dependence of the optical rectification effect in nanostructured carbon (nanographite)
films obtained by plasmachemical deposition was studied in a wavelength range from 266 to 1900 nm. In this
range, the amplitude of the electric signal observed when films were irradiated by nanosecond light pulses of
constant power increases in inverse proportion to the laser wavelength. The experimental results confirm the
assumptions made previously concerning the mechanism of the observed effect. It is suggested that nanograph-
itefilms are promising materialsfor detectors of ultrashort laser pulsesinthe IR, visible, and UV spectral inter-
valsand for generators of el ectromagnetic radiation operating in the terahertz frequency range. © 2005 Pleiades

Publishing, Inc.

When a high-power laser pul se propagates in anon-
linear optical crystal, a pulse of dielectric polarization
with the shape repeating the laser pulse envel ope can be
induced in this crystal. If such anonlinear optical crys-
tal is placed between metal electrodes, the laser-
induced polarization will lead to the appearance of a
quasi-static (pulsed) voltage between these electrodes.
The shape of the generated electric pulse reproduces
the light pulse envelope. This phenomenon underlies
the well-known optical rectification effect [1, 2]. Our
recent publications [3, 4] reported on the optical recti-
fication observed in nanostructured carbon (hanograph-
ite) films obtained by plasmachemical deposition [5, 6].
The electric voltage pul se, reproducing the nanosecond
pulse generated by a Q-switched laser, was measured
between metal electrodes pressed against a nanograph-
ite film on silicon substrate. The experimental results
were explained in terms of a quadrupole contribution
due to the quadratic static polarization component of
the nonlinear medium.

It has been experimentally established that the volt-
age responsivity n of the optical rectification effect,
defined as

n =U/pP Q)
(where U is the response voltage pulse amplitude and
Pis the laser pulse power), was different for a laser
wavelength of 1064 and 532 nm. In order to elucidate
the nature of the optical rectification effect in nan-
ographite films and to provide information important
for practical applications, we studied the spectral sensi-

tivity of this effect in nanographite films in a broad
wavelength range. This Letter presents the results of
our investigation.

The experiments were performed on samples of
plasmachemically deposited carbon films with a pro-
nounced porous nanocrystalline graphite structure [ 3-6].
A nanographite film on silicon substrate was pressed
with two flat conducting electrodes to a dielectric sam-
ple holder. The amplitude U of the response voltage
appearing between the electrodes during laser irradia-
tion of the film was measured using a storage oscillo-
scope with an input impedance of 1 MQ, while the
shape of the electric pulses could be observed using an
oscilloscope with a pass band of 250 MHz and photo-
graphed by a digital camera. The sample films were
exposed to the radiation of a single-mode single-fre-
quency YAG:Nd®* laser [7] generating pulses at A =
1064 nm with a full width at half maximum (FWHM)
of about 20 ns and a pulse power of 60 mJ. The laser
beam diameter was 2 mm.

The pulses of radiation with other wavelengths were
obtained using nonlinear optical converters (producing
the second, third, and fourth harmonics of the funda
mental laser mode) and a converter based on the stimu-
lated Raman scattering effect in compressed hydrogen
at a Qyy(1) vibrational transition with a frequency shift
of 4155 cm[8]. The nonlinear optical converterswere
based on the KTP, DKDP, and BBO crystals and gener-
ated laser radiation with afrequency of 532, 354.7, and
266 nm, respectively. The Raman effect was excited by
the first or second harmonic of the YAG:Nd3* laser,
which was focused by a lens with a focal distance of

1063-7850/05/3102-0094$26.00 © 2005 Pleiades Publishing, Inc.
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F =66 cmina86-cm-long cell with hydrogen at apres-
sure of P =25 bar. In thisway, it was possible to obtain
sufficiently powerful pulses of the first Stokes compo-
nent with a wavelength of 1907 or 683 nm. In accor-
dance with the previous data [9], high-power radiation
with A = 683 nm was generated in both the forward and
reverse directions. An important feature of this radia-
tion, which was also used in our experiments, wasasig-
nificant difference in shape of the pulses generated in
theforward and reverse directions [10-12]. The Raman
converter (F = 66 cm, L = 86 cm) with hydrogen at P =
3.5 bar pumped at 532 nm produced sufficiently power-
ful pulses of the first anti-Stokes component with a
wavelength of 435.7 nm. The radiation with different
wavelengths was spatially separated with the aid of a
dispersive quartz prism. Thus, the main laser pulses
with 1064 nm were converted into high-power pul ses of
radiation at six discrete wavelengths in various regions
of the spectral range studied.

The voltage amplitude U of the optical rectification
response signal for all spectral components was mea-
sured using the linearly (p) polarized radiation incident
on the nanographite film surface at afixed angle of 45°.
The plane of incidence was perpendicular to the two
parallel electrodes situated on the opposite ends of the
film and spaced by about 20 mm. The power of theinci-
dent radiation was determined for each spectral compo-
nent as P = ¢/t, where € is the laser pulse energy mea-
sured by the standard instrument and T isthe laser pulse
width (FWHM). It should be emphasized that, as was
established previoudly [3, 4], the shape of the response
voltage pulse repeats the incident pulse shape. For this
reason, the laser pulse duration at various wavelengths
was determined using the shape of the response signal
measured in nanographite films exposed to the corre-
sponding spectral component. Then, the responsivity of
a given film at various wavelengths was calculated
using formula (1). The results were averaged over not
less than 30 measurements at each wavelength.

Figure 1 shows the typical laser radiation wave-
forms measured for a nanographite film at (a) 1064,
(b) 1907, and (c) 683 nm for the Stokes component in
the forward direction, (d) 683 nm for the backward
Stokes component, and (€) 266 nm. As can be seen
from these data, the Stokes radiation pulses at 683 nm
measured in the forward and reverse directions exhibit
significantly different features, which isin good agree-
ment with the well-known published results [10-12].
Thus, by measuring the optical rectification response
signal in nanographite films, it is possible to study the
laser pulse shapesin a broad spectral range.

Figure 2 shows a plot of the normalized voltage
responsivity n/nge, Versus A, where A is the probing
laser wavelength and n 044 IS the voltage response mea-
sured at 1064 nm. As can be seen, the dependence of
N/N1062 ON /A has alinear character, showing a mono-
tonic decreaseinthe IR rangeand anincreaseinthe UV
range. Note that the extrapolated intercept of this plot
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Fig. 1. Pulse waveforms: (a, €) first and fourth harmonics of
the passive Q-switched YAG:Nd®* laser; (b, c) the first
Stokes components generated in the forward direction by a
Raman converter excited by the first and second laser har-
monics, respectively; (d) the first Stokes component gener-
ated in the reverse direction by the Raman converter excited
by the second laser harmonic. The backward Raman effect
converter was based on a vibrational transition in com-
pressed hydrogen. The waveforms were measured as the
response voltage due to the optical rectification effect in
nanographite films. The amplitudes and positions of pulses
are arbitrary.

with the ordinate axis gives a positive value, which
implies that the responsivity of the given filmin the far
IR range may be nonzero. In this respect, photovoltaic
converters based on the optical rectification effect in
nanographite films substantially differ from the analo-
gous photosensors based on Si, GaAs, GaP, and some
other materials whose response in the IR range sharply
drops to zero [13].

It was also of interest to compare the results of our
experiments to theoretical conclusions derived previ-
ously [3], according to which the amplitude U of the
pulsed response voltage related to the quadrupole con-
tribution from the quadratic static polarization compo-
nent of the nonlinear medium can be described as

U = —(4niS/eL)x(EE*) f(a, B), 2

where §, isthe laser beam cross section area, E (E*) is
the electric field vector, € is the dc permittivity of the
medium, L is the electrode length, f(a, B) is the func-
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Fig. 2. An experimental plot of the normalized voltage
responsivity n/nqpgs Versus /A for a nanographite film

exposed to nanosecond laser pulses. Dashed line shows
extrapolation to the far IR range.

tion dependent on the spatia orientation of the film rel-
ative to the incident laser beam, X = 2Re{ 2iTtx,,,/A}, A
is the laser radiation wavelength, and X,y IS the com-
ponent of the second-order nonlinear quadrupole sus-
ceptibility of the isotropic film in arectangular coordi-
nate system XYZ with the OZ axis directed along the
normal to the film surface. If X, iSindependent of the
radiation wavelength, relation (2) leads to the direct
proportionality of the optical rectification responsivity
to A (i.e, to the exciting radiation freguency), in
agreement with the experimental results presented
above (Fig. 2). Formula (2) also suggests that the
response signal must vanish at a zero frequency. How-
ever, extrapolation of the experimental plot to the
region of low frequencies (Fig. 2) leads to a nonzero
value of n. Apparently, a correct quantitative compari-
son of theoretical relation (2) to the experimenta
results is possible only provided that the spectra
dependence of the susceptibility tensor component
Xxyx 1S known. Nevertheless, we believe that, on the
qualitative level, our experimental results are consi stent
with theoretical conclusions (except for the probable
nonzero responsivity in the far IR range).

TECHNICAL PHYSICS LETTERS  Vol. 31

Thus, the results of our experimental investigation
show that nanographite films can be used to convert
nanosecond pulses of laser radiation in abroad spectral
range into electric voltage pulses whose shape repro-
duces the laser pulse envelope. The coefficient of con-
version of the laser pulse power in the response voltage
increases in inverse proportion to the laser radiation
wavelength. The experimental data are qualitatively
consistent with atheory describing the optical rectifica-
tion effect in terms of a quadrupole contribution due to
the quadratic static polarization component of the non-
linear medium.
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Abstract—The problem of constructing model maps based on the experimental chaotic time seriesis consid-
ered. A new method of estimation of the model parameters for one-dimensional maps is proposed, which
employs aleast squares procedure and cal culations of the objective function using iterations of the model map
in the reverse time. The results of anumerical experiment show that the proposed method provides much more
accurate estimates than does the traditional approach at a moderate noise level below a certain threshold. The
greater the number of parameters to be evaluated, the higher the threshold and, hence, the broader the domain
of high efficiency of the new method. © 2005 Pleiades Publishing, Inc.

Introduction. Besides their evident basic signifi-
cance, methods intended for reconstructing the mathe-
matical models of processes from the observable time
series (i.e., afinite set of values of the observable n;,
..., Ny Measured at sequential moments of time) have
numerous applications, from the calculation of the
characteristics of nonlinear elements of electrical cir-
cuits [1] to the description of biochemical processesin
the living cell [2]. The task of modeling based on the
time series is referred to as the “identification of sys-
tems’ [3] or “reconstruction of dynamica systems’ [4, 5].
At present, the approaches to solving this task are
developed within the framework of nonlinear dyna-
mics[1, 2, 6] and frequently employ maps [7-9], since
even low-dimensional maps are capable of describing
complicated dynamics encountered in various real sys-
tems. For example, the Poincaré maps of strongly dis-
sipative nonlinear systems (such as the Lorentz and
Rossler systems) are frequently one-dimensional with a
high precision [10].

This study is devoted to this specia case of model-
ing and is aimed at evaluating the parameters of aone-
dimensional map from the corresponding time series.
This problem has been repeatedly studied [11-15], and
various methods for such estimation have been devel-
oped. Theoretically, the longer the time series (i.e., the
greater N), the larger the possibility of obtaining highly
precise estimates of the target parameters. However, the
known methods encounter serious difficultiesin practi-
cal implementation in the case of systems featuring
chaotic regimes. We proposed a new method, which
allows more accurate estimates to be obtained from
long chaotic series for a not too high noise level. Our
approach is based on the idea of iteration in the reverse
time that was previously suggested for the processing

of time series with nonlinear noise filtration [16] and
for the separation of a sum of chaotic signalsinto com-
ponents [17].

Formulation of the problem and description of
the standard approach. Let us consider a one-dimen-
siona map

Xn+1 = f(Xn! a), (1)

where x is a dynamica variable and a is a P-dimen-
sional vector of parameters. The time series is gener-
ated by map (1) in a chaotic regime for the parameters

a = a® and the initial condition x, = x\”, and is

assumed to be noisy as described by the variable n,, =
X, + &, where &, is a sequence of independent random
quantities distributed according to the normal law with

azero mean and avariance of o; . Theform of function

(0)

f isknown, whilethe a® and x;’ values are unknown

and the task isto determine the estimates a with max-
imum accuracy.

Theoretically, the most effective variant is provided
by method of |east squares, whereby x; and a are deter-
mined so as to make the realization of map (1) closeto
the observed time series, that is, to minimize the objec-
tive function

N-1

Sxpa) = Y Mea= 0w’ @
n=0

where f(™ is the nth iteration of the f map and

1063-7850/05/3102-0097$26.00 © 2005 Pleiades Publishing, Inc.
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Fig. 1. Objective functions for the quadratic map (4) con-
structed at N = 20, a© = 1.85, and x{*) = 0.3: (a) for for-

ward iterations, x; = X(10) , function (2); (b) for backward

iterations, xy = x(,\?) , function (3).

fO(x, @) =x. However, this variant is effective only
provided that the global minimum of function (2)
can be found.

In practice, the minimization procedure is per-
formed using iterative methods [18], according to
which the initial x; and a values are set by a starting
guess followed by a descent to a minimum. However,
finding a global minimum of objective function (2) in
the case of long chaotic seriesis practically impossible
because the number of local minimais very large [15]
(an example of iteration for atime series of quite mod-
erate length is presented in Fig. 1a). It is the starting
guess that determines which minimum will be attained.

Theusual practiceit totry alarge number M of start-
ing guesses and then select the deepest minimum.
Guesses are taken from a certain region presumably
containing true values of the parameters to be deter-
mined. In particular, this region frequently represents a
parallelepiped with the side lengths A, (with respect to
the initial condition) and A; (with respect to the a; val-
ues): these A, and A; values will bereferred to below as
the starting uncertainty intervals. However, the global
minimum for a long chactic series can be found only
using an enormously large M or extremely small A, and
A; such that can hardly be redlized in practice. An
acceptable approach consistsin that certain practically
“reasonable’ valuesof M, A, and A, are set and theini-
tial seriesisdivided into segments of length L, inwhich
the global minimum (2) can be found within a reason-
abletime. The final “forward” estimate, obtained as an
empirical mean of the values obtained for these seg-

ments, is denoted a; . Estimates obtained in the short
segments can be strongly biased, and then the forward

1 The efficiency of the least squares method is related to the fact
that it coincides with the maximum likelihood method in the case
of anormal noise. However, the results of our numerical experi-
ment (not presented here) show that fitting by least squares also
provides sufficiently accurate estimates for other noise distribu-
tions.

TECHNICAL PHYSICS LETTERS  Vol. 31

estimate is significantly biased as well. This deviation
is not eliminated on increasing the length N of the ini-
tial series. It is also senseless to increase L, since this
will hinder determination of the global minimum of
function (2). Thisis a basic limitation of the standard
method.

Idea behind thenew method. We suggest using the
least squares procedure in combination with backward
iteration of the model map in the reverse time, that is,
to minimize the objective function

N-1

Sxwa) = Y (M=) @)
n=0

where f & is the nth iteration of map (1) in the reverse
time. For the time reversal, the Lyapunov exponent
becomes negative and the sensitivity of the map trajec-
tory with respect to the initial condition decreases. For
this reason, we may expect that the number of local
minima in the gbjective function of type (3) is not as
large (Fig. 1b).2 The process of minimization of the
new objective function (3) is also performed numeri-
cally for a certain set of M, A,, and 4; values, but the
results of our numerical experiment showed that the
proposed method is not sensitive with respect to this
choice. For this reason, below weuse M = 1 and set A,

and A, values to be the same as those for as .

Since the chaotic regime can be exhibited only by a
nonmonotonic one-dimensional map, the unavoidable
problem of anon-single-valued inverse map arises: dur-
ing iterations in the reverse time, it is necessary to
decide which root of the equation x,, , ; —f(x, @) = 0 has
to be selected as x, (X, 1 iS the value of the variable
obtained in the preceding iteration step in the reverse
time). We select the root closest to the corresponding
value of the observable n,,. The final “backward” esti-

mate will be denoted ay .

Numerical experiment. The error of estimation of
a single parameter & is usualy determined in mathe-
matical statistics as the square deviation from the true
value, € = [[a —a®)?[Jwhere the angle brackets denote
the mathematical expectation. In the case of several
parameters (P > 1), let g be the error of estimation for

& and & be the total error defined as € = ZP: 1&i-

In the numerical experiment, we calculated the

errors € for the estimates a; and a, by averaging over

an ensemble of 1000 time series (for a fixed set of a©,

x, N, o). The objective functions (2) and (3) were

21t should be emphasized that applicability of the proposed
method is restricted to one-dimensional maps, since the trgjectory
of a multidimensiona dissipative system in the reverse time is
even more sensitive with respect to the parameters, and the objec-
tive function (3) has alarge number of local minima.
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minimized by the quasi-Newtonian method.3 Then, ini-
tial guesseswere generated as random values uniformly
distributed in the corresponding starting uncertainty
intervals.

Estimation of a single parameter. The test was
performed for atypical chaotic system representing the
quadratic map

X..q = 1—ax;, 4)

witha=a® = 1.85and x, = X'*) = 0.3 (the same values
as in [11-13, 15]). The length of the time series was
N =100. The value of &; was determined for M = 10
and the uncertainty intervals [n, — 0.1, n, + 0.1] with
respect to x, and [1.5, 2.0] with respect to a.% The task
of selecting thelength L for asingletime seriesisrather
complicated [15] and will not be considered here. We
have used an ensemble of time series for preliminarily
determining L such that a minimum value of the error €
(L = 10, Fig. 2a) was ensured.

Figure 2b shows a comparison of the best forward
estimate &; to the backward estimate &,. The new
method provides for amore accurate estimate provided
that the noise level does not exceed the threshold value
07 i = 0.019.° Calculation of the new estimate (&, ) is
much faster, sinceit involvesonly one starting guess. At
ahigher nose level, the error of &, rapidly increases as

aresult of frequent errorsin selecting the root of equa-
tion during backward iterations.

The results of our experiments showed that the pat-
tern outlined above isretained with increasing length N

of the series. The variances of &; and &, estimates

depend on N according to the power law og O N, For

the variance of &;, the exponent is approximately the
same (a = 1.1) for any noise level. The variance of the
new estimate at a small noise level decreases faster than
thevariance of &; (e.g.,a = 1.7 for o =0.0001); for a

noise level on the order of the threshold, the exponent
is approximately the same for both estimates.

3 our experiments showed that this method gives the same results
as the nonsmooth optimization methods, which are somewhat
more effective in the case of rapidly oscillating functions.

4The value of M is limited by the computational time, while the
starting uncertainty intervals are determined by the lack of a pri-
ori information. A considerable growth of M (increasing the seg-
ment length L) may provide somewhat better estimates, but the
qualitative conclusions will remain the same.

SFor practical applications, this threshold noise level can be
expressed in terms of the percentage signal to noise ratio (with
respect to the standard deviation). The “pure” signal variance for
system (4) is 0.38. Therefore, a noise variance of 0.01 corre-
sponds to the signal to noiseratio of 16% (which isaquite signif-
icant noise).
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Fig. 2. Plots of the errors of estimated parameters versus
noisevariance: (a) &; estimatesof the parameter ainmap (4)

for various L, (b) &; (L = 10) and &, estimates of the
parameter ain map (4); (c) total error of &; , &, estimates
of all the three parametersin map (5); (d) total error of &; 1
and &, ; estimatesof the parameter a; inmap (5); (1) inthe
direct time; (2) in the reverse time.

Estimation of three parameters. In order to study
the influence of the number of model parameters, we
have used the same quadratic map,

2
Xn+1 = + A X, — Az Xp, (5)

but with three unknown parameters. The time series
were generated for a” = 1.0, a¥ = 0.0, af =1.85
and the same x(lo) = 0.3. Figure 2c showsthetotal error
of as for all three parameters (determined for the opti-
mum segment length L = 8 and the uncertainty intervals
a, 0[0.8,1.2], a, 0 [-0.2, 0.2], other parameters being

the same as above) and the error of éb .Ascan be seen,
the new estimates obtained for a lower noise level are

again more accurate than ar . Moreover, the threshold

noise variance is approximately 30% higher (02thr =
0.013), which implies expansion of the region where
the proposed method is advantageous to the standard
approach. The results of estimation of the separate
parameters a, and a; are closeto thosein Fig. 2c, while
thethreshold noise variancefor a, isthreetimesashigh

(0% 4 = 0.043) (Fig. 2d). Thus, the region of advanta-

geous application of our method increases to an even
greater extent in cases when only the parameter a, (e.g.,
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playing aspecial role) hasto be evaluated with a higher
precision.

As the number P of evaluated parameters increases
(in practice, this number can frequently be about a
dozen), the threshold noise level must grow. At a very
large P, the traditional least squares method with itera-
tions in the direct time may fail to be applicable, since
the required number of starting guesses may become
unreasonably high. In such cases, the proposed method
is advantageous irrespective of the noise level.

Conclusions. The procedure of modeling based on
the time series always involves the stage of evaluating
the system parameters for a selected structure of model
equations. In the case of chaotic time series, it might
seem that very accurate estimates can be obtained
becausethe model trgjectory is sensitiveto the val ues of
parameters. However, long chaotic time series hinder
the finding of the global minimum of an objective func-
tion (the sum of square deviations) because of its com-
plicated “relief” involved in the model map cal culations
by iterationsin the direct time. Thetime serieshasto be
divided into segments, which makes the estimation pro-
cedure less effective.

A new variant of realization of the least squares
method proposed in this paper for the reconstruction of
one-dimensional maps employs the principle of itera-
tion in the reverse time. This method, which almost
eliminates the problem of local minima, ensures faster
convergence. In addition, the new method provides
much more accurate estimates at amoderate noise level
(not exceeding a certain threshold signal to noise ratio,
typically on the order of 10%). The greater the number
of parameters to be evaluated, the higher the threshold
level. Therefore, the proposed approach will be espe-
cially useful in practice for constructing multiparamet-
ric model maps.
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