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Abstract—A model of parallel noninteracting cascadesin the spectral spaceis suggested in terms of which the
turbulent flow of an incompressible fluid subject to arbitrary large-scale vel ocity gradientsisdescribed. Thelin-
ear parts of model equations for two polarization components of the velocity are derived from the Navier—
Stokes equations, and their nonlinear parts correspond to the 1D Burgers model. Using the model suggested,
explicit expressions for subgrid Reynolds stresses without empiric parameters are obtained. © 2005 Pleiades

Publishing, Inc.

INTRODUCTION

As is known, even simplified nonlinear equations
for small-scale vel ocity components subject to arbitrary
large-scale velocity gradients are very difficult, if pos-
sible at al, to solve analytically. With this in mind,
researchers have recently developed synthetic (surro-
gate) models of turbulence, where the dynamics of
small-scale eddies is ssmulated by some process that,
while not rigoroudy following from equations for small-
scale velocity, reproduces Reynolds stress spectra similar
to those observed in experiment (see, e.g., [1]).

MODEL EQUATIONS

It is suggested that the exact equations for the mod-
ified polarization components of small-scale velocity
[2] that are obtained by reducing the linear part of the
system to the diagonal form be replaced by the simpli-
fied set of (1 + 1) integro-differential equations

(0, + VKV = Ay (8, n)v' —ikZ,v (p) v (k—p),
)

(3 + VKA v? = A8, m)v ' —ikZ, v (p)vi(k—p),
2

where u = Bv are standard polarization components and

matrix B is specified by large-scale velocity gradients.

Note that nonlinearity set in such a form conserves
the invariance of the system under proper Galilean
transformations (the case of pure rotation, Q # 0 and
S=0, corresponds to purely imaginary A; ,; according
to [3], the energy in this case is confined over large
scales, the energy cascade does not occur, and turbu-
lence can decay only in aviscous manner. Thisis con-
sistent with our model, where subgrid Reynolds
stresses are absent). In addition, with nonlinearity taken
in such aform, the turbulence energy is also conserved.

The above set consists of two uncoupled (1 + 1) inte-
gro-differential equations. Therange of angles8 and n,
which are the parameters of the equations, is such that
A, and A, take positive values. In essence, these equa
tions are the original Burgers equations [4] (the term
original is borrowed from [5]), which have a finite
number of analytical stationary solutions [4] at arbi-
trary grid Reynolds numbers (in terms of our
approach). The number of these solutions increases in
proportion to the square root of the grid Reynolds num-
ber, and their form simplifies greatly in the limit of
large grid Re (as was noted by Burgers as early asin
1948 [4]). Here, the grid Re is defined as Rg,. = ALV,
where A = A; or A, and L is the length of an edge of a
cubic grid that separates small-scale and large-scale
motions. The source (sink) and other termsin the above
equations, except for nonlinear ones, are derived from
the Navier—Stokes equations for an incompressible
fluid, which alows us to speak of a surrogate Navier—
Stokes-Burgers model. In this case, the complicated
process of energy distribution over spectral compo-
nentsis replaced by a set of 1D cascade models where
interaction between polarization velocity components
vtand v2, aswell asbetween their spectral components
variously oriented in the spectral space, isignored.

It seems that all stationary solutions of the original
Burgers equation are stable in both linear and nonlinear
cases. Some reasoning behind their stability can be
found elsewhere [5]. Since the highest amplitude solu-
tions are maor contributors to subgrid Reynolds
stresses, it isreasonableto consider just these solutions,
which can be selected from those obtained in the limit
R — o,

Vg = %%%—1+tanh[)\L(L—ZE)/(Sv)]E. 3)
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Here, & 0[O, L]. Thissolution (antisymmetric about the
midpoint of the segment) was constructed so as to sat-
isfy the requirement imposed on velocity pulsations;
namely, the space-averaged value of the velocity equals

zero, Lt , Ve d€ =0. It varieslinearly over the domain

of definition, except for the neighborhood of the mid-
point of the segment, where it varies significantly, pro-
ducing two shock layers. It should be noted that the
result discussed can be derived more rigorously than
was done by Burgersin [4] and in his early works with
the method of joining asymptotic expansions [6]. To
proceed further and use this solution to construct 3D
spectra of Reynolds stresses and energy of turbulence,
we must find its Fourier components. Following Burg-
ers, we expand this stationary solution into the Fourier
series,

Ve(§) = H vasn(mé/L), (4)

where

L

v, = %J’vBsin(nnE/L)dE
0

or, in explicit form,

L
vV, = AIdE{ZE/L—1+tanh[)\L(L—ZE)/(Sv)]}
0
x sn(tmg/L).
Changing of variablesz= 2¢/L yields

2
v, = %Idz[z—l + tanh(Re,..(1— 2)/16)]
0

©)
x sin(tnz/2),
where R, = AL?/v.
Halving the domain of integration, we obtain
2
vV, = )\LJO'dy[y—l + tanh(Re (Y — 1)/16)] ®)

x sin(tmy/2).

The integral entering into (6) is other than zero for
evenn=2p(p=1,2,3,...) (thiscasewill be considered
below). To simplify (6), we take this integral by parts,
representing sin as the derivative of cos with appropri-
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ate coefficients. Taking into account that tanh(Xx)' =

>—, we arrive at
cosh™(x)

1

v, = ALRe,/(81p) J' dycos(Ttpy)
0

1
X .
cosh’[Reje(Y — 1)/16]

Putting z= 1 —y and making straightforward simpli-
fications, we eventually cometo

dzcos(1pz)
cosh’(Re,,.2/16)

VD = }\LReIoc(_l)p/(ST[p)I (7)

At high Re,. (as was assumed above), the hyper-
bolic cosine squared increases very rapidly; therefore,
the unity in the upper limit of integration can be
replaced by infinity,

dzcos(1pz)
cosh’(Re,,.2/16)

Vp = )\LRe|OC(—1)p/(8T[p)I (8)

The resulting integral is a tabulated integral (it can
be taken using the theory of residues) [7]; so,

00

COSMX im

[ = . (9)
J cosh” aix 202sinh
2a
In our case,
16TALRe - (—1)"
v(p) = el 1) (10)
sinh8T[2—p
RelOC

Note that a similar formula was derived by Burgers
in[4].

SPECTRA OF REYNOLDS STRESSES
AND ENERGY OF TURBUILENCE

According to [8], Reynolds stresses [yl are
defined through their proper spectra ®@;; as follows:

Byl = [@,dk, (12)

where
O (k) u;(—=k)O= Cu(k)ui (k)O= o (k) = o (k).
The energy of turbulenceis given by

1 1
ET = EDJiUiDZ §I¢)||dk

From the relationships between normal and polar-
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SURROGATE NAVIER-STOKES-BURGERS MODEL

ization spectral components, it follows that
@, = Efu'elur'D
Specifically,
®; = Whur'd

i (12)
(13)

whence,
1
== Hy* H
E; ZIEU u*Hdk.

According to Lee[9], passage from discrete Fourier
harmonics to continuous ones and from sums to inte-
gras in the 3D space involves the following substitu-
tions:

r2ny’ 3
DLDZ—»Id K. (19
Designate the normalizing factor as N,
_ gL
= B (15)

One-dimensional energy spectrum E(k) is given
by [9]

21 2
E(k) = NkZIdGJ' dncosp(u'u'* +u’u®). (16)
0 -1/2

It will be recaled that, in the spherical coordinate
system used by Lee[9], the elementary solid angle was
dQ = cosBdBdn. In terms of our approach, the 1D
energy spectrum may be calculated by the same for-
mula (see (16)) by taking into account that

u = By,

where matrix B is specified by gradients of the large-
scale velocity [2] and modified polarization vector v
should be set equal to zero for those orientations of an
object in the spectral space meeting positive proper val-
ues of A (an energy source for a 1D cascade is absent).

SPECTRA OF REYNOLDS STRESSES
AND ENERGY OF TURBUILENCE
FOR UNDER UNIFORM SHEAR

Consider again uniform shear, in which case only
component 0,U, = Sof thelarge-scale velocity gradient
is other than zero. Then,

A, = 0.5Ssin(26)cos’(n), (17)
A, = 0. (18)
In terms of our surrogate model, solutions meeting

the given situation have the form v = (vg, 0).

The second component of the velocity equals zero,
since A, = 0 for any orientation in the spectral space.
Here, vy is the expansion coefficient for the selected
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solution to the original Burgers equation. The coeffi-
cients of matrix B of transition from modified to normal
polarization components have the form

bll = 1,
b,, = sinncosh,

b, = sinntan®,
b22 = 1.
Range D of angular variables for which A; > 0 is
given by
e0[0, 2] O ,3wW2], Ml [-U2,1/2].
Eventually, the energy spectrum is given by the fol-
lowing explicit expressions:

E(k) = NkzIden
D (19)
x cosn[1+ sin’(n)cos (8)] va(k, 8, n),

where the continuous modulus of wavenumber k and
the integer number p in the sine Fourier series are
related ask = 2mp/L.

Consider uniform shear such that d,u, = S and all
other components of the large-scale velocity gradient
are zero. Recall once again that polarization compo-
nents v and u arerelated as

u = Bv.
For the 1D case at hand,

1
u = vg,

u> = vgsinncoso.
The 3D energy spectrum is then represented as

1
E(k) = é(q)ll + Oy + Dy

= D1+ sin’(n)cos’(0)] v,

The 1D spectra resulting upon integration over the
spherical surface of radius k equal each other by defini-
tion (see, e.g., [8]),

@ = kZII¢ij(k,t)dQ,

where dQ isan elementary solid angle.

Recall the relationships that will be used in subse-
guent considerations:

n=2p(p=123,...);
k=Tm/L,

where L is the scale separating large- and small-scale
velacity fields; and

(20)

16TIAL (—1)°
ReiocSINh(8TC p/Re )
where vy is the Fourier harmonic of the solution to the

Vg = v(p) =
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original Burgers eguation,
Rey = A LIV,

A, = %Ssin(ze)cosz(n).

ASYMPTOTICS OF ONE-DIMENSIONAL
REYNOLDS SPECTRA IN THE LIMIT OF LARGE
WAVENUMBERS

Let

P > Reic max-

Then, the hyperbolic cosine may be replaced by an
increasing exponential and the square of the Fourier
component of the solution to the original Burgers equa-
tion can be written as

v2(p) = 4(16T\,L/Re..) exp(—-16Tp/Re,.), (21)

where A, and Rg,,. are known functions of the angular
variables.

To find the spectraof 1D Reynolds stresses requires
taking double integrals over the angular variables,

¢ = Ijgij(e, n)exp(hp)cosndédn,
where

64TCV
L?Ssin(20)(1 + cos2n)

h = —-161°/Re,,, =

and
g; = kzq)ij exp(-hp).

Applying the Laplace method [8] to calculate the
asymptotics of the integrals, we obtain expressions for
Reynolds stress spectra,

0 = 200 phy), (22
02 = 200 ph,), (23
2 = 2S00 ph), (29
Ps = g—jexp(phmax), (25)
@ = —Effkégﬁiigffexp(phma), (26)
P = —gfl—(-ﬂgr—\:z———mswexp(phmax), (27)
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1 2L%kvS 28
E() = 5(0u+ 0+ 0) = 2 Zep(phye,), 0
where
157k
xp(Phn) = X S’EZVE-

It is known that both model and experimental data
for turbulence show a rapid decay of the turbulence
spectra at large wavenumbers, as also demonstrated by
the spectraobtained. It is easy to check that, at interme-
diate wavenumbers, the 1D spectra are inversely pro-
portional to wavenumber p squared, which is aso in
good agreement with experimental data and with Kol-
mogorov’s minus five-thirds law [10]. This statement
and the calculation of the spectra throughout the wave-
number range will be discussed at length in subsequent
publications.

CONCLUSIONS

While the model ignores interaction between two
polarization components (which makes turbulence iso-
tropic), the descending character of the spectra and
anisotropy persistence [11] even at very large Re num-
bers let us conclude that the model is of certain value.
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Abstract—The behavior of the total and partial pressure in a vacuum system is studied for the case of volatile
liquid evacuation. A mathematical model of the process is developed that is based on the joint solution of the
balance equationsfor gas and vapor flows. Theinfluence of the vacuum system parameters and liquid properties
on the pressure variation is found. The equilibrium pressure and evacuation time are numerically calculated for
different system’s parameters. © 2005 Pleiades Publishing, Inc.

INTRODUCTION

In anumber of technological processes, there arises
the need to evacuate a vacuum chamber containing a
source of avolatile liquid. For example, in leak detec-
tion by means of the bubble method used for testing
vacuum units or devices in the case where ahigh sensi-
tivity isnot acritical point, atest objectisfilled with air
or a probe gas under an excess pressure and is
immersed in a liquid. Bubbles emerging on the outer
surface of the object indicate leakage. The gas flow is
proportional to the number of bubbles per unit time and
their volume, and the number of bubbles, inturn, ispro-
portional to the difference between the pressuresinside
and outside the object. To improve the sensitivity of the
method, the container with the liquid is evacuated to a
pressure of 10°° x 10* Pa. The probe gas must have a
low molar weight; the liquid (usually ethanaol), a low
surface tension coefficient. When designing vacuum
systems using the bubble leak detection method, one
must know the pressure variation in the vacuum system
when vapors are evacuated from above the liquid sur-
face. Since the evaporating liquid flux varies in time,
the conventional approaches to designing vacuum sys-
tems fail [1]. In this work, we suggest a model that
makes it possible to evaluate the residual pressurein a
vacuum system and construct time curves of vapor
evacuation from above the liquid phase surface with
regard to evacuation of the residual atmosphere.

CONSTRUCTION OF THE MODEL
AND PARAMETER ESTIMATION

Model. The model suggested is based on the bal-
ance eguation for gas flows in an idealized vacuum
chamber (Fig. 1) that has volume V and is pumped out
with rate S. For the pressure interval 10°-10° Pa and
evacuation time 1-10 min, the time variation of gas
desorption flux from the walls and gas evolution from

the materials may be ignored and so the sum of these
fluxes may be taken to be constant, Q, = const. Other
fluxeswe deal withinthissituation areflux Q,, of evap-
orating molecules and flux Q,, of condensing mole-
cules. For simplicity, we assume that, in afirst approx-
imation, adsorption of liquid molecules on and their
desorption from the inner surfaces of the vacuum sys-
tem can aso be ignored.

The flux balance in the chamber can then be
described by a set of two differential equations for lig-
uid vapor flux balance and balance of other gas fluxes,

dpdC(t)V = Qev_Qcon_ pc(t)sf (1)
t

d

POy < - pat)s @

(for notation, see Table 1).

The left-hand side of these equations is the rate of
variation of the amount of gases or vapors in the vac-
uum chamber, and term pSon the right-hand side isthe
rate of evacuation (capacity of a pump). The fluxes of

p@) 1%

Qg Qcon Qev p S

N

Fig. 1. Scheme of gas flowsin the system.
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Table 1

e e

A Surface areaof liquid exposed to vacuum| m?

Eq Heat of vaporization Jmol

M Molar weight of liquid kg/mol

Nm Number of molecules per unit areain | m™
alayer

Pe Partial pressure of liquid vapor Pa

Peo Partial vapor pressure of liquidatt=0 | Pa

Ps Partial vapor pressure of other compo- | Pa
nents

P Partial vapor pressure of other compo- | Pa
nentsatt=0

Pam | Atmospheric pressure Pa

P | Saturated vapor pressure of liquid Pa

(o Specific desorption flux of liquid U(cm?s)

Ja Specific adsorption flux of liquid 1(cm? s)

Qq Gas liberation from chamber walls (m3 Pa)/s

Q. | Evaporating liquid molecule flux (m3Pa)/s

Qcon | Condensing liquid molecule flux (m3 Pa)/s

S Effective rate of evacuation m%/s

t Time S

To Mean oscillation period of condensed | s
molecule

T Temperature K

V Chamber volume m3

k Boltzmann constant JK

R Gas constant J(mol K)

N, | Avogadro number mol

Table 2. Parameters of the liquids and calculated consump-
tion

Liquid M, k[gzl]mol Eg, I%mol Ct?gﬁjnr?g
Methanol (CH;OH) 0.032 38.74 255
Ethanol (C,HsOH) 0.046 35.27 106
Propanol (C3H,OH) 0.06 40.48 77

evaporating and condensing liquid molecules are given
by the formulas

Qo = GgAKT, )
Qoon = QaAKT (4)

Table 3. Parameters and constants used in calculation

NEVSHUPA, SINEV

(the Langmuir model); the specific desorption and
adsorption fluxes of liquid molecules, by

Oa = Nu/Toexp(—E4/RT), ®)
Napc

L= —ae 6

b omaRT ©

The total molecular flux from the liquid surface,
which is equal to the difference between the evaporat-
ing and condensing components, increases with
decreasing pressure, since the evaporating component
does not depend on the pressure and the condensing
component is proportional to the vapor pressure.

Initial conditions. Since the system is evacuated
starting from the atmospheric pressure, the initial con-
dition for Eq. (2) (i.e., at the instant evacuation begins)
IS Psy = Pam — Peoy Where quantity p., depends on the rate
of evaporation and the duration of stay of the liquid in
the chamber before evacuation. To find py, we assume
that, prior to leak detection (i.e., prior to the container
with the liquid being introduced into the chamber), the
liquid vapor pressure equals zero. Then, at any time t
after the chamber has been closed and the pump has
been switched off, the vapor pressure isfound from the
balance between the fluxes of molecules being des-
orbed from and condensing on the liquid surface. The
time dependence of the vapor pressure is given by

p(t) = NiqukTA/ZnM RT

0 N.AKT }
x| 1—expm—=a—o=t=|.
[ POV i RTIE
Calculation by (7) for ethanol at T = 293 K, V =
4.33x 10° m?3, and A = 30 cm? (the values of other
parameters are listed in Tables 2 and 3) showed that the

saturated vapor pressure sets in (up to 0.1%) within
1.1 s. Therefore, for practical purposes, we may put

_ qu4/2TIMRT

Na

(7)

pcO = psﬂ (8)

with areasonable accuracy.
Then, in view of (8), the dependences p(t) and p4(t)
take the form

D(t) = 0gAKT /2TIMRT
¢ N,AKT + SJ/2nMRT

x [1 - exp%—[vlj—-—zi%ltl—%{_ + \—ﬂ%} 9)

Qq A S Vv T

Nm Ty k R N,

137x10%| 3x1023 | 4x10% | 433%x103| 293

3x 10

276x10%4 | 1.38x102 | 831 |6.02x10%
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p(n), Pa p(t), Pa
10° 100k

10* i i i 10*
:t ! ! ! u . A =300cm
% o ! : fA=3 : —
i Smd0ts e a0
103 _i tevacl i itevaCZ i i 103 L :l E i i tevac i i
100 200 300 20 40 60 80 100
t,s s
Fig. 2. Time variation of the total pressure in the vacuum Fig. 3. Time variation of the total pressure in the vacuum
chamber for different effective rates of evacuation S. chamber for different surface areas A of the liquid.
p(1), Pa p(1), Pa
105 Iy 105
: T=313K CH;0H
Al \ l P l al . | | : .
TR N =3k PN | Comon
A N o Z | | CsH,0H
0 N iT=23K R | | P
0k : e 100k i LS LS
20 40 60 80 100 20 40 60 80 100
t,s ts
Fig. 4. Time variation of the total pressure in the vacuum Fig. 5. Time variation of the total pressure in the vacuum
chamber for different temperatures. chamber for different acohols.
N, AKT S N, AKT S
+ pcoexpm[ \—/}E x [1—expD[ \—/}%]
VJ/2MRT VJ/21MRT (11)
s + Doy XD [ NLAKT S} %
0 =
ps(t) = [1 P } 2 Uly 2nvMRT  V
(10)

Qg%l exp- %wsoexp

_ _ Calculation of the parameter sand analysisof the
The total instantaneous pressure in the vacuum dependences. Calculation by formula (11) was carried

+ poexp| 1- expfot |

chamber is the sum of p. and p;, out for methanol, ethanol, and isopropanol using the
values of the parameters and constantslisted in Tables 2
g AKT J2TIMRT and 3 (unless otherwise stated). o
p(t) = Consider how the parameters appearing in Eq. (11)
NLAKT + S/2nMRT influence the pressure in the chamber during evacua-
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tion. Since the curve p(t) asymptotically tends to equi-
librium value p,, it is reasonabl e to take the evacuation
duration in engineering calculations as the interval
between the initial instant of evacuation (from the
atmospheric pressure) and the time the pressure reaches
given fraction a of the equilibrium pressure (say, o =
0.999). The equilibrium pressure is determined from
the formula

0,AKT /2IMRT
® NLAKT + S./2nMRT

and evacuation time T, is found by solving the equa-
tion

Q
+ gg 12

p(t) = ap,. (13

Since Eqg. (13) cannot be solved analytically, the
evacuation time was determined numerically or graph-
ically. Figure 2 shows the evacuation curves for differ-
ent rates of evacuation S It is distinctly seen that
parameter Shas a significant effect both on the equilib-
rium pressure value and on the time of evacuation. This
is because this parameter enters into the exponent in
formula (11). Under these conditions, the time of evac-
uation varies with frequency by a near-linear law.

Surface area A of the liquid affects the time of evac-
uation only dlightly. Under the conditions correspond-
ing to Tables 2 and 3, the residual pressure in the cham-
ber decreases when A is below 30 cm?, as follows from
Fig. 3.

With anincrease in alcohol temperature T, the resid-
ual pressure increases considerably. The time of evacu-
ation also increases, though insignificantly, because of
arisein the alcohol saturated vapor pressure and rate of
evaporation (Fig. 4). The sort of alcohol also markedly
influencestheresidual pressure and time of evaporation
(through parameters M and E,), because the heat of
vaporization grows and the saturated vapor pressure
declines with increasing alcohol molar weight (Fig. 5).

The consumption of various liquids for the mean
time of atest cycle, t = 4 min, is also of great practical
importance. It is proportional to the integral of the par-
tial vapor pressure over time of experiment and to the

NEVSHUPA, SINEV

rate of evacuation. The corresponding results of calcu-
lation are summarized in Table 2.

CONCLUSIONS

I'n our work, we devel oped a mathematical model of
pressure variation in a vacuum chamber containing a
source of a volatile liquid. Unlike the conventional
computational procedures, this model alows for the
variation of gasliberation (including evaporation) with
pressure and time. Analyzing the results obtained in
thiswork, we found that the rate of evacuation, as well
asthetemperature and sort of liquid, are the key factors
influencing the duration of evacuation and equilibrium
pressure. At the sametime, the surface area of theliquid
exposed to a vacuum affects the rate of evacuation and
equilibrium pressure insignificantly. The model makes
it possibleto control the leak detection process and sub-
stantialy raises the accuracy of a quantitative estimate
of the leakage. In addition, it allows engineers to opti-
mize avacuum system and technological process at the
design stage.
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Abstract—An analytical expression for the time evolution of the profile of anonlinear periodic capillary—grav-
itational wave traveling over the charged surface of a viscous incompressible finite-thickness liquid is found.
The calculation is carried out in the second order of smallness in wave amplitude. It is shown that the depen-
dence of a nonlinear correction to alinear solution on the liquid viscosity and liquid layer thickness changes
qualitatively in going from thick to thin liquid layers. © 2005 Pleiades Publishing, Inc.

(1) The nonlinear periodic capillary—gravitational
wave flow of liquid is a wide-spread phenomenon in
nature and technology and so is of both scientific and
applied interest. A great variety of publications have
been concerned with theoretical and experimental
investigation of this phenomenon, starting from the | at-
ter half of the 19th century. Taking into consideration
the viscosity of the liquid, presence of the surface
charge, and finiteness (rather than smallness!) of the
liquid layer thickness makes the problem still more
challenging. A number of comprehensive studies
devoted to nonlinear periodic waves on the charged free
surface of anindefinitely deep ideal liquid [1-4] and on
the charged free surface of aviscous liquid [5, 6] have
recently been performed. Most of the studies dealing
with nonlinear waves on aviscousliquid have been car-
ried out in the shallow water approximation, when the
ratio of the wavelength to the liquid film thicknessis a
small parameter of the problem (see, e.q., [7-10]). Such
a simplification is sound but not universally true [11]
and in most cases |eads to mere derivation of nonlinear
equations with soliton solutions [ 7-9].

The aim of thiswork isto (i) gain insight into non-
linear periodic capillary—gravitational waves on the
surface of a viscous conducting liquid of finite thick-
ness, (ii) find an analytical solution that isvalid for lay-
ersof arbitrary thicknessand allowsfor extrapolation to
thin layers, and (iii) analyze the combined effect of vis-
cosity and finite thickness on the nonlinear wave flow.

(2) Let aperfectly conducting incompressibleliquid
with density p, kinematic viscosity v, and surface ten-
sion coefficient y occupy an infinite (in the xOy plane)
layer -d<z<Ointhegravitational field g ||, Theori-
gin of the Cartesian coordinate system (X, y, z) ison the
undisturbed free surface of theliquid (n, is the unit nor-
mal vector along the z axis), which is subjected to uni-
form electric field E, pointing downward. A wave of
amplitude a that is taken to be smaller than the wave-

length and much smaller than capillary constant a =

JY/pg of the liquid propagates over the surfacein the
positive Ox direction. Ratio a/a defines a small param-
eter of the problem €. Physical quantities p, v, Y, g, d,
E,, a, and wavenumber k are assumed to be constant.
Also, al the space-dependent variables are assumed to
be y independent.

In view of the aforesaid, the nonlinear periodic cap-
illary—wave flow on the uniformly charged surface of a
viscous conducting liquid is mathematically described
asfollows:

-dszsz:%—ltJ+(VxU)xu

—VDlp+1U2+g%+VAU VU = 0;

Cp
228 AP =0; z—>00: VO = —E;[h,;
_ 5. 08, 08 _
ZEE G UR T W )
tOQnV)U+nrV)U = 0;
(@ )

p—2pvnOnV)U + o

z=-d:u=0;, w=0.

Here, & = &(x, t) isthe deviation of the free surface from
the equilibrium (flat) shape given by z = 0 due to the
wave flow, U = (u, O, w) is the velocity field of the lig-
uid, p(r, t) is the hydrodynamic pressure inside the lig-
uid, ®(r, t) isthe electric field potential, n and t are the
unit vectors that are normal and tangent to the free sur-
face disturbed by the wave flow, and A isthe Laplacian.

1063-7842/05/5010-1259$26.00 © 2005 Pleiades Publishing, Inc.
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As is custom in calculations of the nonlinear peri-
odic wave flow [3-6], initia conditions are selected
such that afinal solution has aform that isas simple as
possible. For example, we may assume that, in the first
approximation in small wave amplitude a, the distur-
bance of the free surface has the form of a harmonic
wave traveling along the abscissa axis,

&(x, 1) = 2aexp(St—ikx) +c.c. + o(a), (1a)

where Sis the complex frequency of the wave and c.c.
is the complex conjugate.

Sincethe problem to be solved is extremely cumber-
some, we will derive only an analytical expression for
the profile of nonlinear waves on the liquid surface.
Other desired quantities (the velocity field of theflow in
the layer and the distributions of the pressure in and of
the electric potential over the liquid) will be found dur-
ing calculation (however, their final forms are too awk-
ward and so will be omitted).

(3) In the zeroth approximation, the free surface is
undisturbed, y(x, t) = 0. The velocity and pressure
fieldsintheliquid, as well asthe electric potential dis-
tribution over the liquid, are found from (1),

B
pO 8T[ pgzv

A solution to problem (1) will be sought as the
expansions of the unknown components of free surface
profile &, velocity field (u, O, w), pressure p, and electric
potential ® in powers of the small parameter,

§ =&, +€78,+0(c%);

Uy = Wy = 0; @, = -Eqz

u = gu, +€°u, + O(e%);

w = ew, + 7w, + O(°); 2
P = po+ep,+eip,+O(%);
D = Dy +ed, +e°D,+O(d).

Now we substitute expressions (2) into (1) and par-
tition the problem into subproblems of various orders
of smallness.

(44) In thefirst order of smallness, we obtain

ouU, ol O _

-b—t—+V|1—)p1D—VAU1 = 0;
ViU, =0;

z20: A®, = 0

—-d<z<0:

—PYE1+ Py —2pV o — o

z=-d: u, =0; w, =0,
where U, isvector field (uy, 0, w,).
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(4b) It iseasy to check that the continuity equations,
Navier—Stokes equations, and pressure field can be
expressed through velocity field potential ¢, and stream
function ), asfollows:

_ a0y A _0¢y 0y,
B01 =0 HE-VAY = 0; U = -5
(39)
oo on,
Y79z ox' ™ ot

In the complex form, free surface profile &, is repre-
sented as atraveling wave,

€1(x, 1) = {exp(St—ikx), (4)

where amplitude factor ¢ is expressed through ampli-
tude a of theinitial wave.

Eventually, the solution of the first-order subprob-
lem is reduced to finding unknowns ¢,, ¢, ®,, and
complex frequency S

Expressions for velocity potential ¢,, stream func-
tion Y, and €electric potential @, will be sought in a
form similar to the form of &,

d1(x, 2 t) = B(z)exp(St—ikx);
Wi(x, z,t) = C(z)exp(St—ikx); ©)
P,(x,z,t) = A(2)exp(St—ikx);

where A, B, and C are amplitudes to be found.

Substituting expressions (4) and (5) into (3) and (3a)
yields desired electric potentia ®,, pressure p;, and
velocity field components u, and w;:

@, = Eylexp(St—ikx—kz);
by = —£57 (0, qc0sn(k(z + o)
+0,sinh(k(z+d)))exp(St —ikx);
u; = {(o,qcosh(k(z +d))
+ g,ksinh(k(z+ d)) —o,qcosh(q(z+ d)) (6)
—0,qsinh(q(z+d)))exp(St—ikx);
w; = i{(o,kcosh(k(z+d))
+0,qsinhk(z+ d) —o,kcosh(q(z+ d))
—0,ksinh(g(z+d)))exp(St—ikx);

q = JK + 9.

Frequency S can be determined from the dispersion
relation [12]

2
- 0 2 _ Y2 Eo .
DetM = 0; wj = gkid+ Lk~ 70k
B=kd; C=qd;
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k 0
0 1
—sinh(f) —cosn(B)

0
0
0
0
M =[]
0
-
0 —2k’sinh(p)

and constants g, and o, have the form

iv(2Zsinh(B) — (K’ + g°)sinh(Q))
qcosh(Z) sinh(B) —kcosh(B)sinh(Q)’

iv(2k?cosh(B) — (K> + g*) cosh(2))
gcosh()sinh(B) —kcosh(&)sinh({)’

Importantly, we have found the solution to the first-
order subproblem in the complex form withinitial con-
dition (4). To reduce the solution to the real form of
type (1a), it is necessary to complement found quanti-
ties (6) by their complex conjugates and put { = 20a.

(5) In the second-order of smallness, we obtain the
subproblem stated as

0,

0,

—-d<z<0: VU, = 0; @)
aUZ Eﬂ_ [l
—+V=ps—VvAU
at Cp™4] 2
. 8
= —5V(UD = (VxUy) xUy;
z20: A, = 0; 9)
6&2 W1 0¢, .
=00 e = Sagy mUngy (19
0P
D, -Eyé, = —Ela_zl (11)
ow, E 00, 0°,
_ng2+ p2_ pv 0z _4.,.[ 0z + aXZ
_ O'w; . 0pi_ 1 (PPif, [P‘DEZD
= 2pvé, o7 37 “Bnlaxt T Ta,00 (12
0’ (Dl 0¢,0U, 0810wy
—El pvﬁ;'ég— pVEfTaY’
dz 0x Ox 0x
2 (13)
- a_Ela_Wl_E o Wa -z 6_ul
ox 0z “laxdz “typ’
z=-d:u, =0; w,=0; (14)
TECHNICAL PHYSICS Vol. 50 No. 10 2005

(K*+q°)cosh(B) (K*+g”)sinh(B)

1261

0 —q 0 E

-1 0 0 E

cosh(£) sinh(§) S .

_okqsinh(Z)  —2kqcosh(?) vwE

—2k’cosh(B) (K*+q")cosh(?) (K*+q?)sinh(Z) O E
Z —»> ] |Vq)2| — 0, (15)

where U, = (u,, 0, w,).

(58) The second-order subproblem represents a set
of inhomogeneous linear partial differential equations.
According to a rule common in perturbation tech-
nigues, when a problem is solved by the small parame-
ter method, first ageneral solution to thefirst-order sub-
problem and then a partial solution to the second-order
subproblem are found. It is known that a partia solu-
tion of a set of differentia equations is found in the
form similar to that of their right-hand sides (inhomo-
geneities). Therefore, it is necessary first to calculate
the right-hand sides of expressions (7), (8), and (10)—
(13). Thisis done by substituting expressions (8) into
these expressions. In doing so, one should bear in mind
that quantities ®,, p,, u;, w;, and &, have complex con-
jugate terms.

Theinhomogeneous set of Egs. (7) and (8) is conve-
nient to writein the matrix form, where the vector func-
tion of an inhomogeneity will have the form

Fj = a’exp((S+ 1) Y (A cos(Q(d +2)

+ H;;sinh(Qi(d + 2))) + o’ exp(25t - 2ikx)

2

X Vo + Z(ZjiCOSh(Qi(d"'Z)) (16)

+C;;snh(Q(d +2)) +cc,

Q. = k+q; » = k-0, Q;=0+q,
s =0-0, Qs = 2k
Here, A;;, H;i, Vi, and C;; are 3 x 5 matrices with coeffi-
cients independent of time and spatial coordinates.
Their associated formulas are awkward and there-
fore omitted. However, their explicit form can easily be

restored by substituting first-order solutions (6) into the
right-hand sides of (7) and (8).
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The vector function of inhomogeneity for set (10)—
(13) hastheform

G, = a’exp((S+ S)t)(N;o+ N;;cosh(dk)
+U;;sinh(dk) + N;,cosh(dg) + ujzginh(olq))(17

+ a*(exp(2St — 2ikx) (Mo + M, cosh(dk)
+T;;8inh(dk) + M;,cosh(dq) + T;,sinh(dq))) + c.c.,

where N;;, Ui, M;;, and Tj; are 4 x 3 matrices.

Their associated formulas are awkward and there-
fore omitted. However, their explicit form can easily be
restored by substituting first-order solutions (6) into the
right-hand sides of Egs. (10)—13).

(5b) A solution to the second-order subproblem
involves analytical expressions for unknowns @,, p,,
U,, W,, and &,. To proceed further, we will represent
guantities u,, W,, and p, in the form of the sum

(UZ’ V2! pz) = (U;, W; p;) + (Uz’ W92c! p;)! (18)
where the first term of this sum, (u;, W, , p;), which
will be hereafter called the “inflexible” part of the solu-
tion, is a partia solution to set (7)—8) and the second
term, (U3 , W5 , p5 ), together with quantities @, and
&,, congtitutesthe so-called flexible part of the solution.
This part is based on a solution to the homogeneous set
that corresponds to inhomogeneous set (7)—8) and
contains two arbitrary constants, which are selected so
that sum (18) satisfies boundary conditions (10)—(15).

First, wewill determine the flexible part of the solu-
tion. Inview of the form of inhomogeneity function F;;,
it should be sought in the form

(uz, W, p;) = a’exp((S+ )

5
x Z (a;cosh(Q;(d + 2)) + h;;sinh(Q;(d + 2)))
=t o (19)
+ 0o’ exp(2St — 2ikx) ngo + z (g;;cosh(Q;(d +2))

+¢;;9inh(Q;(d + z)))§+ c.c.,

where a;, hy, g, and ¢; are unknown 3 x 5 matrices
with coefficients independent of time and spatial coor-
dinates.

To find these matrices, it is necessary to substitute
(19) into the set of Egs. (7) and (8), the right-hand side
of which has the form (16), and equate the coefficients
multiplying identical expressions in the resulting
system,

exp(Qt —iKx)cosh(Q(d + 2));

KLIMOV et al.

exp(Qt —iKx)sinh(Q(d + 2)),
to zero.

Inthis case, Egs. (7) and (8) split into sets of simple
algebraic equations from which the components of
unknowns a;, hy;, g;, and ¢; can be easily found.

In terms of linear transformations, these unknown
matrices are found from matrices A, H;;, V;;, and C;; by
applying alinear operator that is specified by matrices
depending on parameters

1
L,(K,Q, Q) =
(K Q) = T K- )
. -Q? 0 iIK((K*-Q*) +Q)H
"E 0 K? 0 Ei
Dipk(v(K?-Q%) +Q) 0 p(v(K*-Q*)+Q*) U
_ Q
L,(K, Q, Q) =
A Q) = - 0)
XE-O iK 2 02 E
D|K 0 v(K —Q)+QD-

00 p(v(K*-Q%)+Q) 0 0

This linear transformation is stated as follows:

a;; = L1(0,Q;, S+ 9 A;; + L,(0,Q;, S+ SH;,
hi = L,(0, Q;, S+SH;; + L,(0,Q;, S+ S)A,
9ii = Li(2k, Q. 29)V;; + L,(2k Q,, 25)C;;,
ci = Ly(2k Q;, 29)C;; + Ly(2k, Q;, 29)V;:.

These expressions should be substituted into (19) to
find u,, w, , and p, in the final form.

The flexible part of the solution to the second-order
subproblem is a solution to set (7)—8) with the zero
right-hand side. In such a representation, Egs. (7) and
(8) are equivalent to the following set of equations for
the potentials and stream functions:

f_ o OU3 . _ o o 003 Oy
A9z = 0; ot —vayz = 0; 27 9x  az'
. _ 093 oy, _ 003 (20

2= %7 Tox P2 TP

Sincetheinhomogeneities of Egs. (7) and (8), which
are determined by equalities (16), are linear combina-

tions of factors exp((S+ S)t) and exp(2S — 2ikx), the
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flexible part of the subproblem should be sought in the
form

& = a’exp((S+ 9z,
+0o’exp(2St — 2ikx)Z, + c.c.;
(03, W3, ®,) = a’exp((S+ ) Ay(2)
+a’exp(2St - 2ikx) A, (2) + c.c.,

where Z; are unknown constants and A;(2) are three-ele-
ment columns of unknown constants.

Substitution of expressions (21) into relationships
(7), (9), (15), and (20) makes it possible to refine the

form of functions A; and express u; , w5 , and p3 ,

(21)

®, = a’aexp((S+ )
+0’a, exp(2St — 2ikx — 2kz) + c.c.;
(us, w5, p5)" = o*exp((S+S)t)(boo o+ brojo
+ b0 fo(d +2) + Cooposinh(wo(d + 2))

+ CoPocosh(wy(d +2))) + O(Zexp(ZSt —2ikx) (22

x (b, ( f,cosh(2k(d + 2)) + hysinh(2k(d + 2)))

+ by (hycosh(2k(d + 2)) + f,h(2k(d + 2)))

+ Cor(Ny cosh(w, (d +2)) + pysinh(wy(d + 2)))

+ ¢y, (p,cosh(w,(d + 2)) + n;sinh(w,(d + 2))) + c.c.

Here, ay, a1, boo, Doy, P10, P11, Coos Cops €10, aNd €y are
unknown constants that can be found from boundary

conditions (10)—15),
/S+ / 212 + 28 28

(5¢) To make the following mathematics more com-
pact and illustrative, we represent boundary conditions
TECHNICAL PHYSICS  Vol. 50
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(10)—(15) of the second second-order subproblem (z =
0) in the matrix form,

B(Up, Wa, P2, @,) + 28, = Gy
B(u, w, p, P)
N — O 0
T 0 1 0 O DD
(1) 0 -2 Vg E’QDDU
- % PVa2 4n62%%w
(L o d O p
=~ = 0 O g
Hoz 3 Hoo
Mo o o 1 0 O
O O
o 9 @
0 ot 0
0 o 0
== [-P9ty
0 X' g
7 2
0 —E 0

Here, B isthe linear operator, = is the vector-by-scalar
multiplication operator, and G; is defined by expression
(17). Operator = acts asfollows:

=&, = a’exp((S+ 1) Z,Y,
+0’exp(2St — 2ikx)Z,Y, + c.C.;

] ; (23)
Yo = (S+S—-pg,0,-E) ;

= (25 -pg-4yK’,0,-E,)
where superscript T means matrix transposition.
The action of operator B on expressions of type

(u,w, p)’ = exp(Qt—iKx)
x (Ajcosh(Q(d +2)) + H;sinh(Q(d + 2)));
D = pexp(Qt—-iK(x-2),

where Q, K, and Q are constants and A and H; are
three-element columns, has the form

B(u, w, p, ®) = exp(Qt —iKx)((By(K)A; + By(Q)H;)
x coshdQ + (By(K)H; + By(Q)A;)sinhdQ + ¢ E(K) );

where

o

m

o

A
o o

E(K)

1
o o
IS

~ o &
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Oo -1 oO O O

00 0 18 C 0 200
Bi(K) = 50 O 15 B(Q = 50 72VPQ 0L

00-K 0 DQ 0 0f

0o o oO 0o o0 o0
By virtue of equality (18), we have

B(uz, w3, p3, ®,) + =&, 24)

= G; - B(U3, W3, p5,0).

Taking into account the known expressions for the
guantities appearing in the flexible part of the solution
(see (21) and (22)) and (23), we can write the left of
(24) as

B(uz, w3, p3, ®,) + =&,
= a’exp((S+ )t)(B1(0) ((boo + byod) fo + bro]o)

+D39B5(1) fo + (€10B1(0) + CooB2(Wo)) Pocosh(dwp)

+ (CyB1(0) + c19B,(Wy)) posinh(dwy) + ayE(0)
+ ZoYo) + a’exp (25t — 2i kx) (By(2K)(boy f 1 + byshy)
+ B,(2K)(bg, h; + by, f1)) cosh(2dk) + (B,(2k)(bg; h;
1) + B,(2K)(bg, f1 + by hy))sinh(2dk)  (25)
+(B1(2K) (CorNy + €11 P1) + Bo(W1)(Coy Py + €11Ny))

x cosh(dw;) + (B1(2K)(Cp Py + C11Ny) + Bo(Wy)
X (CpNy + €11 py)) SiNh(dw,) + @, E(2K) + Z,Y,) +c.C.

Substituting (17) and (19) into the right of (24)
yields

+b,, f

G,—-B(u’,w', p’,0)
= cxzexp((S+ S)t)(NJ-O+ N;;cosh(dKk) + U;; sinh(dk)

5

+ Nj,cosh(dq) + U,sinh(dq) — Z ((B1(0)a;;

+B,(Qi)h;) cosh(dQ;) + (B1(0)hy; + B,(Q))a;;)
x §nh(dQ)))) + a®exp(2St — 2ikx) (Mo + M,
x cosh(dk) + T;;sinh(dk) + M;,coshd(q)

2

Tj2sinh(dq) — B4(2K)gjo - Z((Bl(2k)gJ|+B2(Q)C1)

=1
x cosh(dQ)) + (Bi(2K)G; + Bz(Q )g;1) sinh(dQy)) +c.c.
(5d) Substituting (25) and (26) into (24), collecting
the coefficientsmultiplying exp((S+ S)t) and exp(2S —

2ikx), and equating them to zero, we arrive at equations
for unknowns a,, b, Cm and Z,. Complementing

(26)

KLIMOV et al.

these equations by those resulting from substitution of
(18) into boundary condition (14), we come to a set of
algebraic equations from which constants a,, by, G
and Z,, are uniquely found. Solving the resulting set by
the Gauss method, we obtain expressionsfor Z, and Z;,

Zo = 0; Z, = (21kvpw, (8K(S+ 4k*V)Ry,
+i(S+ 8K°V)Ry3) + 8Tk°vpw; SR,,cosh(2dK)

+ 811 K°VpW;, SR, sinh (2dk) — 21t pw, (S + 4k*V)
x R,,cosh(dw,) — 4T kpS(S+ 4k’V) R, sinh(dw;)
— 21w, (S + 8KV S+ 32k V) Ry +ikv (S
+8k°v) Ry3) cosh(2dk) cosh (dw;, ) + 4Ttkp((S°
+16k*vS+ 32k*V?)Ry; +ikv(3S+ 8K*V)Ry3)

x sinh(2dk) sinh(dw;) — 21k’ SR, cosh(2dk)

x sinh(dw;,) + Ttkw, SRy, sinh(2dk) cosh(dw, ) )/A, ;

B, = TPSER2KP VW, (S+4KPV) — 4w, (S + 8k’S
+32k*v?) cosh(2dk) cosh(dw;)
+8Kk(S + 16k*v S+ 32k*v?) sinh(2dk) sinh(dw;)

Y EokD

+%gk+8 5 T[pD

x (2kcosh(2dK) sinh (dws) —w, sinh(2dK) cosh (dw,)

Ry, = %olsnh(dk)—@olsnh(dq)
+ %czcosh(dk) - %ozcosh(dq)

kS’o,0,cosh(d(k + q))
 4v(S(S—4KV) — 8KV (k— Q)
, k(k=0)S(ko? + goy)sinh(d(k + q))
4(S(S—-4Kk*v) - 8K v (k—0q))

kS’0,0,coshd(k —d)

4v(S(S—-4K°v) - 8K VA (k + q))

, k(k+ q)S(ko? —qo3)sinhd(k—q)
A(S(S—4kV) - 8K VA (k +q))

; (27)

2
Ry, = -%‘[ + 'p(s+ 6k?v)(qo,sinh(dk)

TECHNICAL PHYSICS Vol. 50 No. 10 2005
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+ ko, cosh(dk) ) —i pk(2S+ 3k*v)
x (0 cosh(dq) + 0,sinh(dq))

_P(S+2K*) 5 p(S+KV)
vt Ty 9%
k(3S+ 2k(3k—q)v)p

2v(3k—q)(S+ 2k(k + q)v)

x (So,0,sinh(d(k—q)) +v(k + ) (ka; —qo3))

k(3S+ 2k(3k+q)v)p
2v(3k+q)(S+ 2k(k—q)v)

x (So,0,snh(d(k +q)) —v(k—0q)
x (koi + qoz)cosh(d(k +)));

x cosh(d(k—q))) -

R,; = —k’0,sinh(dk) + k*qo, sinh(dq)
—K’qo,cosh(dk) + k’qo,cosh(dq)
__iY(S+2k(3k+q)v)
8v(3k + ) (S+ 2k(k—q)Vv)
x ((k+q)0,0,cosh(d(k +q)) + (ko] +qay)
i S(S+ 2k(3k —q)Vv)
8v2(3k —q)(S+ 2k(k + q)v)
x ((k—q)0,0,cosh(d(k—-q))

x sinh(d(k +q))) +

—(kai—qo3)sinh(d(k-q)));
ik(S(S—4kV) —8k4v2)02

R,, =
“ 4vS(S—8KV)

13 2
+ 2ik°(S+ I; V)O_g;
S(S-8k"v)
4k4vq
———————0,0,.
S(S-8k"v)

Substituting expressions (27) into relationship (21)
for &,, we reduceit to the real form

22 T

&, = 2a°|Z, exp(2ReSt)
x cos(2ImSt —2kx + ArgZ,).

Eventually, for the profile of the nonlinear wave, we
obtain the expression

&(x,t) = aexp(rt)coso
+20°%|Z,| exp(2rt) cos(260 + ArgZ,);
Q=ImSt—kx; r=ReS,

which isaccurate up to quantities of the second order of
smallness in wave amplitude.

(28)
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(6) Amplitude factor Z, in the nonlinear correction
to the wave profile isthe most informative parameter of
the solution obtained. This factor is complex: its real
and imaginary parts depend on the physical parameters
of the problem, including the thickness of the layer and
viscosity of the liquid. Its absolute value, |Z,|, charac-
terizes the amount of internal nonlinear interaction
between the term linear in amplitude a and the term
quadratic in a (see expression (28) for the wave pro-
file).

The profile of a traveling wave is frequently an
object of interest in studies of nonlinear waves on the
liquid surface. Specificaly, its parameters, such as the
sharpness and slope of the wave ridge, are estimated,
which are also determined by factor Z,. For example,
|Z,] isameasure of skewness of the nonlinear wave pro-
file relative to the strictly cosinusoidal shape. As |Z4]
grows, blunted capillary waves become still more
blunted, while gravitationa waves, which have a
sharper profile, become still sharper.

Ratio Im(Z,)/Re(Z;), specifying the argument of
complex quantity Z;, also characterizes the skewness of
the wave profile relative to the symmetric cosinusoidal
shape: if Im(Z,)/Re(Z;) <0, the profileis skewed in the
direction of wave propagation; if Im(Z,)/Re(Z,) > 0, the
profileis skewed in the opposite direction.

Figures 1-6 plot |Z;| and ratio Im(Z,)/Re(Z;) versus
dynamic viscosity n at E, = 0 for different thicknesses
of the water layer (p = 0.998 g/cm?, y = 72.8 dyn/cm,
g =981 cm/s?). It is known that capillary waves on the
surface of adeepideal liquid have blunted ridges. Inthe
finite-thickness layer, the ridges of the waves sharpen
with increasing viscosity, asfollowsfrom Fig. 1. More-
over, they become skewed in the direction opposite to
the wave propagation, the skew growing with viscosity.
Asthelayer getsthinner, the reverse effect is observed:
the ridges become more blunt and the skew opposite to
the direction of wave propagation disappears. The
decrease in the layer thickness to 0.1\, where A is the
wavelength, changes qualitatively the run of the curves.
First, the radius of curvature of the ridges increases
with the viscosity (Fig. 2) and, second, the waves
become skewed in the direction of wave propagation.
Moreover, in such a shallow liquid, the viscosity depen-
dence of their skew becomes nonmonotonic, unlikein the
deep liquid: as the viscosity grows, the skew initially
increases and then starts declining and changes sign.

For short gravitational waves, these dependences
are somewhat different; in thick (d > 0.1A) and thin
(d< 0.1A) liquid layers, they are qualitatively similar.
However, the amount of nonlinear interaction in thick
layersis 23 orders of magnitude lower than for capil-
lary waves, whilein thin layers, the amount of interac-
tion is of the same order of magnitude as in capillary
waves (Figs. 3-6).

Theridges of gravitational wavesontheliquid layer
with a depth on the order of wavelength are sharp and
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Fig. 1. (8) Absolute value of amplitude factor Z, appearing
in the nonlinear correction to the wave profile and (b) the
ratio between the imaginary and real parts of Z; vs. viscos-
ity for short waves (A = 0.1 cm) and thick layers. d = (1) 4A,
(2) 0.4A, (3) 0.25A, and (4) 0.2A.

10>xn, P
1 2
0.0530 T T
0.0528 -
n 4
g
S 0.0526 3
N 2
0.0524 -

1

Fig. 3. Absolute value of amplitude factor Z; vs. viscosity
for waves with A = 30 cm and thick layers. d = (1) 4A,
(2) 0.73A, (3) 0.63\, and (4) 0.58\.

dlightly skewed in the direction of wave propagation.
Asthelayer getsthinner, theridges becomestill sharper
and their skew decreases and changes sign at a thick-
ness of =0.2\. As the viscosity grows, the ridges
become blunt and their skew increases. For very thin
layers (=0.05A; Figs. 5 and 6), the run of the associated
curves is basically similar: the only difference is that
viscosity increases, rather than decreases, the sharpness
of the ridges.

The effect of the electric charge on the wave flow on
the surface of a viscous liquid was considered earlier
for indefinitely deep liquids [5, 6]. It influences prima-

KLIMOV et al.
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Fig. 2. (a) Absolute value of amplitude factor Z; and (b) the
ratio between the imaginary and real parts of Z; vs. viscos-
ity for short waves (A = 0.1 cm) and shallow layers. d = (1)
0.1A, (2) 0.095A, (3) 0.09A, and (4) 0.085A.

Ile/Rezl ;
0.010}-

2
0.005}

102xn, P 5

Fig. 4. Ratio between the imaginary and real parts of Z; vs.
viscosity for waveswith A = 30 cm and thick layers. d = (1)
4\, (2) 0.33), (3) 0.23), (4) 0.19A, and (5) 0.17A.

rily the positions of internal nonlinear resonances (not
considered here, although it is evident from expression
(27) that resonant interaction of waves takes place and
its amount will depend both on the viscosity of the lig-
uid and on the thickness of the layer) and the curvature
of the ridges. Basically, the effect of the charge on the
wave flow of an indefinitely deep viscous liquid, which
was discovered earlier, isthe same asin finite-thickness
layers. Asfor thin (d < 0.1A) and thick (d > 0.1A) lay-
ers, the effect of the electric charge calls for thorough
analysis with inclusion of higher order corrections,
which will be carried out later.
TECHNICAL PHYSICS Vol. 50
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Fig. 5. Absolute value of amplitude factor Z; vs. viscosity
for waves with A = 30 cm and shallow layers. d = (1) 5 x
1072\, (2) 4.93 x 1072, (3) 4.87 x 1072\, and (4) 4.8 x
1072\,
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Fig. 6. Ratio between the imaginary and real parts of Z; vs.
viscosity for waves with A = 30 cm and shallow layers. d =
(1) 5.67 x 1072\, (2) 5.17 x 1072\, (3) 4.83 x 1072\, and
(4) 4.67 x 1072\.

In the approximation quadratic in wave amplitude,
the damping of nonlinear capillary—gravitational waves
in a viscous liquid of finite thickness is completely
determined, according to (28), by the damping rate well
known from the linear theory [13], which is described
by real component r = ReS of complex frequency S. It
is seen from (28) that the nonlinear (quadratic in wave
amplitude) component of the total solution decreases
with time with the double damping rate (unlike the lin-
ear part of the solution, which fals with the single
damping rate). The dependence of the damping rate on
the viscosity and liquid layer thickness was compre-
hensively studied in[12]. Specifically, it was found that
the layer thickness has an effect on the damping rate
only in shallow liquids with d < A/Tt At d = A, bottom
damping influences the time evolution of the wave
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amplitude only dlightly: the amplitude is totally speci-
fied by damping in the volume.

CONCLUSIONS

For both capillary and gravitational waves, the vis-
cosity dependences of the curvature and skew of the
wave ridges are different in thick (d > 0.1A) and shal-
low (d < 0.1A) liquid layers. This indicates that the
wave flow in shallow and thick liquids differ qualita-
tively and validates the popular opinion that long and
short (compared with the layer thickness) waves on the
viscous liquid surface should be studied by radicaly
different methods.
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Abstract—Mathematical expedients used in designing ground tests of aerodynamic object modelswiththeaim
of finding experimental conditions optimal in terms of the body and accuracy of extracted information are
described. In thefirst part of this paper, the method used in designing ballistic experiment is demonstrated with
processing of single-experiment data. In the second part, the validity of the design approach is illustrated by
simultaneously processing trajectory data obtained in several experiments. © 2005 Pleiades Publishing, Inc.

INTRODUCTION

The ballistic experiment implies flight tests of mod-
els of aerodynamic objects under |aboratory or natural
conditions. Such tests are usually aimed at determining
the force and moment characteristics of the object. We
shall focus our attention on this problem.

The need for mathematical design of the ballistic
experiment arises both at the stage of designing a new
ballistic range and during investigation. In the latter
case, the goal of experimental design is to find experi-
mental conditions that are optimal in terms of the body
and accuracy of extracted information. The approaches
considered below allow one to solve both problems.

A ballistic range intended for determining the aero-
dynamic characteristics of an object from trajectory
data comprises alauncher and a set of means (most fre-
quently optical) for recording separate points of the tra-
jectory. Thenumber of these points may amount to severa
tens. By tragjectory data are meant three linear coordinates
of the center of mass of the object and three angular coor-
dinates specifying the orientation of the object in space at
certain time ingtants. The problem of finding the force
characteristics from the trgjectory datais reduced to solv-
ing the inverse problem of dynamics of arigid body with
the use of discrete trgectory data (points) involving
measurement errors. It is obvious that such a problem,
like any inverse problem, isill-posed.

CONCISE DESCRIPTION
OF THE MATHEMATICAL APPROACHES

The approachesto be discussed are based on nonlin-
ear estimation of the system’s parameters[1, 2] by fit-

ting a mathematical model to numerical output data
(the so-called responses) of the system. As far as we
know, Chapman and Kirk [3] werethefirst to apply the
approach used in this paper to the problem considered
when analyzing the trgjectory data of the Gemini
lander. They named this approach “the method of dif-
ferential correction.” In the theory of nonlinear estima-
tion, this approach is known as the Gauss—Newton
method. The problem is solved by the least squares
method with the aim to minimize the objective func-
tion, which is the residual sum of the squares of the
deviations of the measured coordinates from the ones
calculated using a chosen mathematica model and a
certain approximation of desired parameters. The min-
imization is carried out by correcting theinitial approx-
imation of the parameters. However, analytical expres-
sions for the objective function are impossible to
derive, since analytical solutionsto the set of nonlinear
ordinary differential equations of motion are absent.
The Gauss-Newton approach consists in representing
unknown solutions in the form of linear parts of multi-
variate Taylor series in desired parameters. Following
the authors of [3], we exemplify the aforesaid with a
simple expression for theresidual sum of squaresin one
coordinate,

N

Se-y [qexp(xi) — GeaeX)o

i=1
NG

0q oq »
—=—AQy——A .
i 3q, To g, QO}

1063-7842/05/5010-1268$26.00 © 2005 Pleiades Publishing, Inc.



APPROACHES TO MATHEMATICAL DESIGN

Here, €; are the deviations of coordinates g,(x;) mea
sured at N points x; from values g (%), calculated
using a chosen mathematical model, initial approxima-
tions of M desired parameters G, and two unknown ini-

tial conditions of motion ¢, and q,. Small increments

of C, qo, and q, (differentials AC;, Agy, and Aqp,
respectively) are expected to improve the approxima:
tion provided that the parenthesized first derivativesin
expression (1) will be found and then these increments
will be calculated from the minimum condition for the
entire expression.

The first derivatives of the response function with
respect to the desired parameters can be found as fol-
lows. Theinitial differential equation of motion for the
response function (the coordinate of the object in the
given case),

d’q, 0dg 1
oo

is differentiated with respect to all desired parameters
G, in view of the initial conditions of motion, since
function g depends on them too,
q = q(Cy, C;, Cs, ..., Crny Go, U, X).

Theindependent variableis denoted as x arbitrarily:
it may be the coordinate along the flight direction (asin
[3]) or flight time. The sequence of differentiating func-
tion g with respect to the independent variable and
desired parameters can be varied. This allows one to
consider the derived equations as second-order linear
differential equations with variable coefficients in the
first partial derivatives of function g with respect to the
desired parameters (including the initial conditions of
motion). These equations are caled the sensitivity
equations. Theinitial conditionsfor the derivativeswith
respect to the aerodynamic coefficients that supplement
the sensitivity equations are equal to zero and unity
only for the derivatives with respect to the initial coor-
dinate and initial rate of change of this coordinate. This
is exemplified in detail in [3]. The coefficients of the
sensitivity equations and their right-hand sides can be
found by numerically integrating the initial equation of
motion at a certain approximation of the desired param-
eters. Thus, by jointly numerically integrating the ini-
tia equation of motion and the sensitivity equations,
one can find the partial derivatives of the response func-
tion with respect to the desired parameters at points x;
of the experimental design.

From the local minima of expression (1) in terms of
the desired parameters, onefinds M + 2 linear algebraic
equations for corrections AC;, Aq,, and Ag, and,
accordingly, new approximations of these parameters,
eg., C;"" = Cj +AC;, where superscript t is the serial
number of theiteration. Theiterative process converges
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very rapidly even if the initial approximations of the
parameters are crude.

At the stage of solving the set of algebraic equations
derived from the minimum condition for expression
(1), it is reasonable to apply linear regression analysis
[2, 4, 5] and, thereby, to statistically estimate the signif-
icance of the desired parameters in the course of con-
struction of an adequate mathematical model of
motion. The same approach allows one to evaluate the
confidence intervals of the final parameters appearing
in the dependences of the aerodynamic coefficients on
the angle of attack and Mach number. In addition, it
becomes possible to determine the confidence intervals
for these functions themselves. To do this, the N x (M +
2) rectangular matrix of the coefficients of the algebraic
equations obtained from the minima of expression (1)
and the vector of residuals are multiplied from the | eft
by the transposed matrix of the coefficients. The result-
ing square matrix is referred to as the information
matrix. A solution to the matrix equation derived gives
corrections to the desired coefficients. The inverse to
the information matrix is the variance matrix. The ele-
ments of the variance matrix possess important proper-
ties. The diagona elements of the variance matrix,
being multiplied by the variance of measurements esti-
mated from the root-mean-squareresidual givethevari-
ances of the desired coefficients. The off-diagonal ele-
ments, which are correlation coefficients for the model
parameters, make it possible to evaluate the variances
of the dependences of the aerodynamic coefficients on
the angle of attack and Mach number. Based on the
variances obtained, one can estimate, using the Student
statistical distribution, the confidence intervals for the
desired parameters at a given confidence probability at
each step of the iteration process and judge the signifi-
cance of the coefficients involved in the mathematical
model. Thus, the construction of an adequate mathe-
matical model through its successive complication at
each step is controlled with the statistical tests.

An important property of the approach proposed in
[3] is that it admits of simultaneous processing of tra-
jectory data taken in severa experiments with model
objects of the same shape. The dimensions, weights,
and moments of inertia of the objects, as well as the
density of the gas in which the objects move, may vary
from runto run. Naturally, the aerodynamic coefficients
remain invariable in this case (if Reynolds numbers
correspond to the same flow regime); only the initia
conditions of motion may differ. This means that
expression (1) written for each experiment must
involve the partial derivatives with respect to the initial
conditions of other experiments, which all will be iden-
tically equal to zero. Accordingly, the dimension of the
information matrix including the results of all runswill
increase by the double number of additional runs as
compared with the matrix for asingle test.

The possibility of jointly processing data collected
in several runs isimportant not only because the num-
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ber of points of the general experimental design
increases, thereby increasing the number of degrees of
freedom (i.e., the difference between the amount of
measurements and the number of parametersto be eval-
uated). The fact is that, at a weak nonlinearity of the
pitching moment, the oscillations are nearly sinusoidal
(within the accuracy of measurement of the angular
coordinates) [6]. Therefore, by analyzing the shape of
oscillations aone, one cannot find nonlinear terms
involved in the expression for the pitching moment. At
the same time, the nonlinearity of the moment makes
the oscillations asynchronous: their period (or wave-
length) appreciably depends on the amplitude. In
jointly processing the results of several runswith differ-
ent peak-to-peak amplitudes, the moment as afunction
of the angle of attack is selected so as to fit all experi-
mental results. (Chapman and Kirk [3] emphasized this
merit of their approach.) Note also that simultaneous
processing of datataken in several runs allows one, for
example, to establish the Mach dependence of the
moment even if the trgjectory is short. For this purpose,
it is sufficient that data for the same model object mov-
ing with different initial velocitiesbe processed in order
to cover the range where the Mach number has a tangi-
ble influence.

In mathematical design of the experiment, the direct
problem of motion of a model object is solved as
applied to a specific ballistic range (already existing or
being designed). In this case, the residuals mentioned
above are absent, since the trgjectory is derived by
numerically integrating the equation of motion. Resid-
uals can be simulated by a random number generator
with a given variance and mathematical expectation.
However, there is no need to do this, because there
exists the nondegenerate information matrix, and, con-
sequently, itsinverse, namely, the variance matrix with
the remarkable properties discussed above. Therefore,
it will sufficeto set hypothetical variances of coordinate

X

Fig. 1. Coordinate system, aswell asthe aerodynamic force
components and aerodynamic moment acting on a flying

body.

BOBASHEYV et al.

measurements in order to calculate expected variances
and confidence intervals for the parametersto be evalu-
ated.

The goal of this paper isto exemplify the efficiency
of mathematical design of the ballistic experiment. By
multistage design, we mean successive refinement of
optimal experimental conditions found from experi-
mental data gained at the previous stages. We will syn-
opsize the method used and cite the publications where
the related approaches and algorithms are described in
detail.

SIMULATION OF THE FREE FLIGHT
OF AN AXISYMMETRIC OBJECT AIMED
AT PROCESSING SINGLE-EXPERIMENT DATA

The parameters to be determined upon processing
trajectory data (denoted above as C)) areinvolved inthe
polynomial representations of the coefficients of drag,
lift, and aerodynamic (pitching and damping) moments
as functions of the angle of attack and Mach number.
For even functions of angle of attack, such representa

tionshavetheform C; = C + C{ a2+ C a“+ ...; for
odd functions, the powers of angle of attack are odd.
The dependence on the Mach number is given, in the
general form, by apolynomial in (M —Mg), where My is
chosen according to the specific form of the depen-
dence.

Wewill consider the plane motion of an object oscil-
lating in the vertical plane. The components of the aero-
dynamic force and moment are shown in Fig. 1. Let us
write the equation of motion in the form [7]

t = kt(Ce+ CY)[1+ ()™, 2
y' = kC[1+(y)]** = (1), 3
8" = K(C,+Cy)[1+(y)] %9 @
+kr2IC,[1+(¥),
4 =a+0 = a+ arctanEg—yD 5
o

Here, tisthe flight time, y is the vertical coordinate of
the center of mass of the object, 9 isthe pitching angle,
o isthe angle of attack, and 0 is the slope angle of the
trajectory. The distance along the horizontal x coordi-
nate is taken for an independent variable; the deriva
tives with respect to this coordinate are marked by the
prime. The aerodynamic force is presented via its pro-
jections onto the wind coordinate axes. The aerody-
namic coefficients have the form

C, = Cy(a, M), 6)
(o w =1 1

C, = C3(a, M)a + CZ(a, M)[1+(y)] 19", (7)
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C = C3(a, M)a + Co(a, M)[1+ (y)] 19", ()
where

- 43l
dt v

For illustration, we take a model object in the form
of abody of revolution with alength of 0.1 m, diameter
of 0.045 m, and weight of 0.2 kg. The principal moment
of inertia about the transverse axis is 5 x 10° kg m?.
Theworking mediumisair under the normal conditions
with a density of 1.25 kg/m3. It is assumed that the
model executes a plane motion, becauseit isclear from
general considerations that the effect of nonlinearity of
the aerodynamic characteristics shows up most vividly
in this case (at regular precession, for example, the
angle of attack hasavalue equal to the angle of nutation
and so the nonlinear dependences of the coefficients on
the angle of attack remain latent).

The aerodynamic characteristics are taken from the
range typical of bodies of revolution with the given
aspect ratio. They are assigned nonlinearitiesin such a
way that the coefficients multiplying the angle of attack
in the second power on, when determined from trajec-
tory dataat agiven measurement error, are closeto their
limiting significance. The coefficients thus chosen are
listed in Table 1 together with their confidence half-
intervals at a confidence probability of 0.95. In Table 1,
subscripts x, y, and mrefer, respectively, to the parame-
ters of expansion of the drag coefficient, parameters of
expansion of the lift, and parameters of the pitching
moment coefficient; the superscripts relate the coeffi-
cients to the corresponding powers of the angle of

attack; and Cy and Cy; are the constant coefficients of
the damping lift and damping moment, respectively.
The angle of attack is taken in radians; o, al the coef-
ficients are dimensionless.

The confidence half-intervals listed in Table 1 are
calculated under the following conditions. The trajec-
tory datawere obtained at twenty points equally spaced
over a trgjectory length of 60 m. The mean measure-
ment errors are 0.25 mm for thelinear coordinates, 0.2°
for the angular ones, and 0.5 psfor the flight time. The
initial velocity of the model is 1000 m/s; a decline of
the velocity, 5.7%; and the average Mach number, 2.82.
The trajectory segment being considered accommo-
dates 4.14 oscillation wavelengths. The initial ampli-
tude variation of the angle of attack is 20°.

Figure 2 isagraphical representation of the aerody-
namic coefficients, and Fig. 3 showsthe variation of the
pitching angle and vertical coordinate of the center of
mass of the object along the trajectory.

From Table 1, it follows that the accuracy of deter-
mining the nonlinear components of the aerodynamic
force and moment is poor, as was expected. The accu-
racy of determining the damping and nonlinear compo-
nents of thelift should also beraised. Thereasonfor the

= [1+(y)] 9.
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Table 1
Coefficient | Dimensionlessvalue Error, %
(o 0.2 1.4
C‘QZ 0.1 87.7
o 20 27.9
Cy 1.0 6.8
c 20 539
Cm -0.1 48
Cm -0.1 14
cﬁf 0.02 131.9

poor accuracy may be a high oscillation frequency of
the abject, that is, ashort time within which thelift is of
constant sign. As a result, the oscillation amplitude of
the center of mass in the vertical direction reaches
7 mm. To decrease the error involved in the lift coeffi-
cient, it is necessary to extend the time of action of the
lift, in other words, to increase the oscillation period or
wavelength. The question arises of how this can be
done.

Let us consider the motion of the object in alinear
approximation when the lift and moment are linear

C

C, Cy m
022+ 03 40
4
0.21F 3 4-0.01
0.2F
1
0.20+ 4-0.02
0.1F
0.19} 2 4-0.03
0.18 ! ! ! ! —0.04

0 4 8 12 16 20
Angle of attack, deg

Fig. 2. Aerodynamic coefficients of the hypothetical model
vs. angle of attack a (1) C,= 0.2+ 0.10%, (2) C, = 1.0a —
2.0a3, (3) C, = -0.1a + 0.02a3, and (4) C,,, = -0.025a +
0.0203.
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Fig. 3. Variation of the pitching angle (circles) and vertical
coordinate of the center of mass along the traectory
(rhombs). The circles and rhombs correspond to the loca-
tions of trajectory recording stations.

functions of the angle of attack and are independent of
the Mach number in the absence of damping. Taking
distance x along the trgjectory as an independent vari-
able[7] and setting the pitching angle equal to theangle
of attack (the oscillations are weak, and thetrgjectory is
near-horizontal), we can write the equation of oscilla-
tionin theform

o

- cﬁ]%‘a‘la. ©

20
2
dx

Here, a istheangleof attack, Cp, isthederivative of the

moment coefficient with respect to the angle of attack,
Py IS the gas density, Sis the midsectiona area of the
object, 1, is the principal central moment of inertia
about to the transverse axis, and | is the characteristic
length of the object. The squared velocity entering into
the expression for the dynamic head disappeared when
the longitudina coordinate was taken as an indepen-
dent variable instead of time. It is obvious that the solu-
tionto Eq. (9) is

a = GmSinngnX+¢q%, (20
where
L szlzl'

0., is the oscillation amplitude, and ¢, is the initia
phase.
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Fig. 4. Variation of the pitching angle and vertical coordi-
nate of the center of mass for the model with the reduced
pitching moment. For the circles and rhombs, see Fig. 3.

The equation of motion of the center of massin the
vertical plane hasthe form [7]

d2y — aP_g_? "2
= ghra-()'s (11)

where C; is the derivative of the lift coefficient with
respect to the angle of attack, mis the weight of the
object, and g is the acceleration of gravity.

Double integration of the first term on the right of
(12) with regard to (10) yields

_ _~aPgS  2m?
y = -Gy onmarn

. [RTT
sin EZTX + ¢q%- (12
The factor multiplying the sinein (12) is oscillation
amplitudey,, of the center of massin the vertical plane.
This quantity is proportiona (see (10)) to the following
parameters:

Cip,S2l Cy
Y= LEEZE = 2, (13)

since the weight and moment of inertiavary asthethird
and fifth power of the object’s linear size, respectively.

From (13), it followsthat, to increase the oscillation
amplitude of the center of mass of a model, one should
increase its linear size. However, such a possibility in
experimental ballisticsis only speculative: it islimited
by the diameter of the bore of alauncher.

However, expression (13) involves one more param-
eter that can be varied: the derivative of the pitching
moment. This parameter decreases when the center of
mass shifts toward the center of pressure, thereby
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Table 2
Coefficient | Dimensionless value Error, %
(o 0.2 1.4
c 0.1 83.3
o 2.0 155
Cy 1.0 1.7
C‘f 2.0 14.6
Co -0.1 4.6
Cm -0.25 3.1
cﬁf 0.02 77.7

diminishing the static stability margin of the body. In so
doing, the transverse moment of inertia may change
insignificantly. Therefore, we assume that, when the
position of the center of mass changes due to the mass
redistribution over the volume of the model, the trans-
verse moment of inertia remains unchanged. This
assumption will be used in the following consideration.
Thus, a change in the pitching moment turns out to be
the decisive factor. Naturally, either the pitching
moment found in such experiments should then be
reduced to the given center of mass or special experi-
ments should be carried out to determinethe initial val-
ues of the pitching and damping moments.

To simulate such an approach, we decrease the
derivative of the pitching moment at the zero angle of
attack (Table 1) by a factor of 4 (Fig. 2) with the
moment of inertia and other parameters of expansions
of the aerodynamic coefficients remaining unchanged
(in this case, the oscillation wavelength increases
approximately twofold). Figure 4 demonstrates the
variation of the pitching angle and vertical coordinate
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of the center of mass of the new model along the trajec-
tory. Now the trgjectory accommodates two oscillation
wavelengths.

It is seen from Fig. 4 that the oscillation amplitude
of the center of mass of the model hasincreased several
times up to 30 mm. Accordingly, the accuracy of deter-
mining the components of the lift coefficient has
improved (Table 2). The errorsinvolved in the moment
and drag coefficients have changed insignificantly,
whereas the lift coefficients have been determined
much more accurately. Thisexampleillustrates the effi-
ciency and necessity of multistage design of the ballis-
tic experiment. In Part 11 of this paper, we perform sim-
ulation using the parameters from Table 2 to demon-
strate the efficiency of simultaneously processing data
obtained in several experiments with models of the
same shape.
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Abstract—Mathematical expedients used in designing ground tests of aerodynamic object modelswiththeaim
of finding experimental conditions optimal in terms of the body and accuracy of extracted information are
described. In thefirst part of this paper, the method used in designing the ballistic experiment is demonstrated
with processing of single-experiment data. In the second part, the validity of the design approach isillustrated
by simultaneously processing trajectory data obtained in several experiments. © 2005 Pleiades Publishing, Inc.

SIMULATION OF THE FREE FLIGHT
OF AN AXISYMMETRIC OBJECT:
SIMULTANEOUS PROCESSING OF DATA
OF SEVERAL EXPERIMENTS

In Part | of this paper, we considered the flight of an
axisymmetric aerodynamic object in air. It will be
remembered that the object hasalength of 0.1 m, diam-
eter of 0.045 m, and mass of 0.2 kg. Its principa
moment of inertia about the transverse axis equals 5 x
105 kg m?. The air density was taken to be equal to
1.25 kg/m3. The 60-m-long trajectory is provided with
20 stations for recording trgjectory data with an accu-
racy of 0.25 mm for the linear coordinates of the center
of mass, 0.2° for the angular coordinates, and 0.5 psfor
time. The initia velocity of the body amounts to
1000 m/s, and the initial angle of attack is 20°. The
aerodynamic object is assigned aerodynamic character-
isticsthat are specified by theinitial coefficients of their
expansions into power series in the angle of attack.

These are drag coefficient C, = C° + C° , damping ift
coefficient Cy = congt, lift coefficient C, = CJa +
C§30(3, damping moment coefficient C;; = const, and
static pitching moment coefficient C,,= C,, o + C,'f ad.
The equations of motion are givenin Part |.

The coefficients of the polynomia representations
of the aerodynamic characteristics are listed in Table 1
together with the confidence half-intervals for their
estimates based on single-experiment data obtained
under the experimental conditions mentioned above.

From Table 1, it follows that the accuracy in deter-
mining the nonlinear (in angle of attack) components of
the drag and pitching moment coefficientsis very low.
The reason for alow accuracy was discussed in Part |.
To decrease the errors, we simultaneously process data
of four model experiments with initial angles of attack
of 5°, —10°, 15°, and 20°. The associated confidence
half-intervals are presented in Table 2.

Itisseen that the accuracy of determining the expan-
sion coefficients has noticeably increased compared
with the data in Table 1. For the errors involved in the
higher expansion coefficients to decline further, it is

Table1

Coefficient | Dimensionless value Error, %
Cy 02 14
c‘x’z 0.1 88.3
Cg’ 20 155
Cg 10 17
c 20 146
Co -0.1 4.6
c -0.25 31
c 0.02 77.7

1063-7842/05/5010-1274%$26.00 © 2005 Pleiades Publishing, Inc.
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necessary either to measure the coordinates and time
with ahigher accuracy, which seemsunrealistic, or pro-
cessalarger body of experimental data, including those
obtained at different oscillation amplitudes.

Importantly, the errors in the nonlinear components
of the aerodynamic coefficients, which may be as high
as 20-30%, affect the calculated dependences of the
coefficients on the angle of attack insignificantly. This
is because these components correlate with each other
(the correlation results from their linear interrelation,
which, in turn, reflects the fact that the components are
related by linear algebraic equations [1-3]). By way of
illustration, Table 3 lists the aerodynamic coefficients
and their confidence half-intervals as functions of the
angle of attack that were calculated using the datafrom
Table 2 with regard to the coefficients of correlation
between the parameters of expansions of the coeffi-
cients. The coefficients of correlation, which are the
off-diagonal elements of the variance matrix, are omit-
ted here.

From Table 3, it followsthat the confidenceintervals
for the functions describing the variation of the aerody-
namic coefficients increase noticeably near the upper
limit of the angle-of-attack range. However, this
increase is not too strong, as might be expected based
on 20-30% confidence haf-intervals for the higher
coefficients in the expansions of these functions
(Table 2).

INFLUENCE OF THE NUMBER AND LOCATION
OF TRAJECTORY RECORDING STATIONS

Now consider how the number of recording stations
uniformly located along a 60-m-long flight path influ-
ences the accuracy of finding the aerodynamic coeffi-
cients when the data of four experiments are processed
simultaneously (the problem of designing anew ballis-
tic range). The associated results are shown in Figs. 1
and 2. It is seen that the confidence intervalsfor thelin-
ear components and damping moment are one order of
magnitude smaller than those for the nonlinear compo-
nents and damping lift. Recall that the latter compo-
nents were deliberately chosen near their significance
limit in processing single-experiment data. Simulta
neous processing of data taken in four experiments has
allowed usto decrease the errorsinvolved in these coef-
ficients by three times on average. Aswas expected, the
errors in determination of the aerodynamic coefficients
decrease with increasing number of recording stations,
however, these dependences smooth out in this case.
Since the errorsin the aerodynamic coefficients can be
diminished by increasing the number of experiments
processed simultaneously, it seems reasonable to limit
the number of the stations over aflight path of 60 m to
twenty or thirty. In this case, the spacing between regu-
larly arranged recording stations (approximately 2 m)
is sufficient for placing processing equipment and aux-
iliary facilities. However, the descending curves in
Figs. 1 and 2 mean increased costs of construction and
2005
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Table 2
Coefficient | Dimensionless value Error, %

(o 0.2 0.14
C‘QZ 0.1 14.5
o 20 11.5
Cy 1.0 0.9
C‘f —20 9.4
Cm -0.1 33
Cm -0.25 0.9
cﬁf 0.02 27.9

maintenance of arange; therefore, the optimal number
of recording stations depends on many, including sub-
jective, factors.

It can be shown by simulation that whether record-
ing stations are arranged regularly or not is of minor
significance. When, say, ten stations are placed over the
first 20 m of the trgectory and other ten over the
remaining 40 m, the errors change by fractions of per-
cent in Fig. 1 and by 1-2% in Fig. 2. Then, it follows
that it is reasonable to arrange the stations nonuni-
formly in order to use, if necessary, only the initial part
of the trgjectory and still have an acceptable number of
pointsin the experimental design.

ON THE INFLUENCE OF THE WORKING GAS
PRESSURE

If a ballistic range is equipped with a measuring
pressure chamber allowing one to control the parame-
ters of the gas medium where an object flies, additional
possibilities appear for choosing arelationship between
the wavelength of object’s oscillations and the length of
the trgectory being recorded. The oscillation wave-
length can be extended up to the entire length of the
pressure chamber by reducing the gas pressure inside
the chamber. Figure 3 demonstrates the variation of the
pitching angle and vertical coordinate of the center of
mass of the object along the 60-m trajectory when the
air pressure is reduced to 10 Pa. Table 4 lists errors
expected when the data of four experiments at the
reduced pressure were processed simultaneously. From
this table, it follows that, at the pressure equal to one-
tenth of the atmospheric value, it is necessary to extend
the trgjectory length in order to determine the nonlinear
components of the aerodynamic coefficients, because
even simultaneous processing of several tests does not
help (cf. Table 1). With the trajectory length extended
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Fig. 1. Confidence half-intervals for the (0) damping
moment and linear components of the aerodynamic coeffi-
cients: (a) pitching moment, (O) lift, and (¢) drag vs. the
number of recording stations when simultaneously process-
ing data of four experiments over a trajectory of length
60 m. The confidence probability is 0.95.

three times (180 m), the errors diminish appreciably
(Table 5).

INFLUENCE OF THE OBJECT'S INITIAL
VELOCITY

The influence of theinitial velocity of the object on
errors in determination of the aerodynamic coefficients
from the trgjectory data can be clarified without resort
to numerical simulation. Paper [4] gives equations of
plane motion of an object in agasin the linear approx-
imation. Ignoring the terms of little significance in
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Fig. 2. Sameasin Fig. 1 for the (0) damping lift component
and nonlinear components of the static aerodynamic coeffi-
cients: (») pitching moment, () lift, and (¢) drag.

these equationsyields
t" = kt'C,, (1)
y' = kC,—(t)’g, @)
9" = —kr,’IC,, ©)

where the primes denote derivatives of time t, coordi-
natey, and pitching angle & with respect to longitudinal
coordinate X [5, 6]); k= pS2m; p isthe gasdensity; Sis
the mid-sectional area of the object; m and | are the
mass and length of the object, respectively; r, is the
radius of inertia about the transverse axis; C,, C,, and
C,, are the coefficients of drag, lift, and total aerody-

Table 3
Andl Drag coefficient Lift coefficient Pitching moment coefficient
ngle
of attack, deg | dimensionless | confidence | dimensionless | confidence | dimensionless | confidence
value half-interval, % value haf-interval, % value half-interval, %
0 0.2000 0.14 0.0000 0.0000
2.00 0.2001 0.13 0.0348 0.86 —0.0009 0.88
4.00 0.2005 0.11 0.0691 0.81 —0.0017 0.81
6.00 0.2011 0.09 0.1024 0.72 —0.0026 0.69
8.00 0.2019 0.09 0.1342 0.61 —0.0034 0.54
10.00 0.2030 0.14 0.1639 0.51 —0.0043 0.41
12.00 0.2044 0.22 0.1911 0.48 —0.0051 0.41
14.00 0.2060 0.33 0.2152 0.64 —0.0058 0.66
16.00 0.2078 0.45 0.2357 0.98 —0.0065 1.05
18.00 0.2099 0.58 0.2521 1.46 —0.0072 155
20.00 0.2122 0.73 0.2965 2.10 —0.0079 2.14
TECHNICAL PHYSICS Vol. 50 No. 10 2005
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Fig. 3. Variation of the (@) pitching angle and () vertical
coordinate of the center of mass of the object along the tra-
jectory. The air pressure is one-tenth of the atmospheric
value.

namic moment (including damping), respectively; and
g isthe gravitational acceleration.

Omitting the second term on theright of (2) (thefree
fall of the model may be approximately taken into
account by neglecting asmall vertical component of the
drag through addition of gt%2 to the corresponding y
coordinate), one can see that neither time nor the flight
velocity enter into Egs. (2) and (3) explicitly (the veloc-
ity dependences of coefficients and C,, can be
neglected over ashort part of thetrgjectory). Thus, both
guantities do not influence the estimates of the lift and
aerodynamic moment.

Not so with Eqg. (1). Here, the response function (the
flight time) itself directly depends on theflight velocity,
growing monotonically: the higher the velocity, the
slower the growth (t' ~ V1, where V isthe model instan-
taneous velocity). However, we are interested in the
contribution to the response function from the wind
resistance rather than in the whole response function.

At constant C,, the second integral of Eq. (1) hasthe
form

tl
t = t0+k—éx(exp(kax)—l). (4)

~ Lets us expand expression (4) into a power series

inx,
X 22X 0

t = to+tpx+ tOB(CXEI +KCH + g (5)

Thefirst two terms on the right of (5) correspond to

uniform motion (without drag). The expression in

parentheses describes the contribution due to avelocity
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Fig. 4. Variation of the pitching angle (curve without sym-
bols) and (#) vertical coordinate of the center of massalong
the trgjectory for the model half as large as that in Fig. 1
with the same mass distribution over the volume. Theinitial
flight velocity is 2.5 km/s.

decrease, which is velocity-independent (if one
neglects the dependence of the drag on the Mach num-
ber; however, this effect is of the second order of small-
ness in this case). The factor multiplying the parenthe-
sisisthereciprocal of the model’sinitial velocity. Thus,
the higher the initial velocity, the smaller the absolute
contribution of the wind resistance to the response
function (flight time); that is, the quantity of interest
varies inversely with the velocity. It is natural to sup-
pose that the relative error of estimation of the drag
over afixed part of the trajectory will grow nearly pro-
portionally to an increase in the initial velocity if the

Table 4
Coefficient | Dimensionless value Error, %
o 0.2 14
c‘x’z 0.1 92.0
Cy 2.0 291.0
C3 1.0 35
o 20 25.2
cy -0.1 179.3
ch -0.25 4.1
c 0.02 726
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Table5
Coefficient | Dimensionless value Error, %
(o 0.2 0.16
c 0.1 105
cy 2.0 27.1
Cy 1.0 0.9
c’ -20 7.1
y
Co -0.1 9.0
Cn -0.25 0.8
Cm 0.02 16.0
Table 6
Coefficient | Dimensionless value Error, %
(o 0.2 0.15
c 0.1 27.2
Cy 2.0 26.0
(o
oy 1.0 1.8
Cy -20 19.9
Cn -0.1 24
Cn -0.25 05
Cnm 0.02 22.1

errors involved in the time and flight path remain con-
stant. Numerical simulation completely confirms this
supposition. Thus, to maintain the error in determina-
tion of the drag coefficient from trgectory data a an
accepted level when theinitia velocity increases, itisnec-
essary, asinthe case of decreasing pressure of theworking
gas, to extend the recorded part of the flight path. In this
case, the extension of the flight path should be roughly
proportional to theincreasein theinitial velocity.

ON THE CHOICE OF THE DIMENSIONS
AND INERTIAL CHARACTERISTICS
OF THE OBJECT

The experimental conditions may also be optimized
by properly choosing the dimensions of the model
(with its shape remaining invariable) and its inertial
characteristics. The former and the latter can be done

BOBASHEYV et al.

independently; however, change of the dimensions
seems to be more promising and logical (to change the
density of the model material is a much more difficult
task than to change the dimensions of amodel). Let us
simulate the four previous atmaospheric-pressure exper-
iments having cut the dimensions of the model by half.
Its mass and moment of inertia then decrease eightfold
and 32-fold, respectively. The angular oscillations and
transverse displacement of the center of mass of the
model observed in one of the experiments are shown in
Fig. 4, and the related errors are given in Table 6.

Under the given conditions, as the oscillation fre-
guency grows (because of decreasing the moment of
inertia), the error involved in thelift coefficient compo-
nents increases, as follows from Fig. 4 and Table 6.
However, this does not mean that variation of the
dimensions and inertial characteristics of amodel can-
not provide good results.

CONCLUSIONS

The algorithm for numerically simulating the plane
motion of an axisymmetric object in a gas medium
elaborating upon the approaches proposed by other
authors to identifying the aerodynamic characteristics
of the object from the tragjectory data is helpful in for
multistage design of the ballistic experiment. These
approaches are supplemented by the proceduresusedin
statistic estimation of expected identification errors for
given errors of measurement of the trgjectory data.
Mathematical design of the ballistic experiment is
amed a optimizing experimental conditions to
improve the measurement accuracy.
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Abstract—The properties of NiO nanopowders prepared by electrical explosion of awire in an oxygen-con-
taining atmosphere are presented. Most of the NiO nanopowders are found to be oxygen-enriched, the excess
of oxygen depending mainly on the nickel vapor concentration. The dependences of the powder particle size on
the oxygen concentration and overheating of the exploding metal are discussed. The powder nanoparticles are
both single-crystal and polycrystalline with a rhombohedral |attice and have different shapes (from cubic to
spherical). Theretypical sizesrange from 15 to 50 nm, depending on the explosion conditions. © 2005 Pleiades

Publishing, Inc.

INTRODUCTION

NiO powders were prepared by electrical explosion
of awirewith the aim of studying their activity in vari-
ous solid-phase reactions and producing a conducting
phase in the anodes of fuel elements.

When producing powders consisting of oxides of Al
[1,2],aswell asZr and Ti [3], i.e., of metalswhose heat
of oxidation is substantially higher than their energy of
sublimation (by afactor of 2.6, 2.2, and 1.3 for Al, Ti,
and Zr, respectively), we noticed that a decrease in the
overhesating of the metal makes it possible to diminish
the particle size through a decrease in the concentration
of suspended burning liquid metal droplets (meta
vapor). For the same reason (a reduction of the vapor
concentration), the particles shrink with decreasing
diameter of the exploding wire, al other things being
equal. It was also found that the particle size can be
decreased further by extending the combustion timevia
reduction of the oxygen concentration [4].

It is of interest to verify these dependences with
nickel oxide powders, since the energy of oxidation of
Ni isaslow as 0.66 of its energy of sublimation.

EXPERIMENTAL

The powders were prepared from two pieces of NP2
nickel wire (99.5% Ni) with diameter d = 0.3 and
0.5 mm and length | = 227 and 150 mm long. The dis-
charge circuit had an inductance of 0.5 pH and atotal
capacitance of a capacitor bank of 3.1 uF. The charging
voltage was varied from 10 to 33 kV, which provided
overhesat factor K = W/W; (W is the energy applied to
the wire, and W, is the energy of sublimation of the
metal) ranging from 0.4 to 1.3. The wire was exploded

under normal pressurein aN, + O, mixture, where the
O, concentration, Ko, , was varied from 8 to 30 vol%.

Combustion produces a mixture of nanopowders
containing nonevaporated drops whose size may reach
several tensof microns. Therefore, the flue gas path was
equipped with a set of devices for particle separation
[5], namely, a screw separator connected to the explo-
sion chamber, the first cyclone 40 mm in diameter, the
second cyclone 40 mm in diameter, an electric filter,
and a fabric filter. Such an experimental scheme was
applied earlier in production of Al, Zr, Ti, etc., oxides.
The cross section of the pipeline and screw separator
was 690 mm?. We analyzed only the powders collected
in the electric filter.

The powders were sorted in accordance with their
specific surface area Shy argon sorption on/desorption
from an argon—-helium mixture with a GKh-1 device.
The content of volatilesin the powders was determined
with a Q-1500 derivatograph. In addition, the phase
composition of the powders (DRON-4 diffractometer)
and their elemental composition (Jobin Yvon 48 spec-
trometer) were analyzed. The powders were also exam-
ined by transmission electron microscopy and electron
diffraction (JEM-200 microscope), as well as by scan-
ning electron microscopy (LEO-982 microscope).

RESULTS AND DISCUSSION

The results obtained indicate that, as for the metals
studied earlier, combustion makes it possible to
decrease the particle size roughly by 3.5 times with the
overheat decreasing from 1.3 to 0.45-0.40 (Fig. 1).

The powder yield in the electric filter is ~8%. How-
ever, we failed to reliably establish the dependence of

1063-7842/05/5010-1279$26.00 © 2005 Pleiades Publishing, Inc.
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Fig. 1. Overheat dependence of the specific surface area of
the NiO powder in the electric filter at ko, = 21 vol%.

(D) I=227mm,d=0.3mmand (2) | =150 mm, d =0.5 mm.

the yield on the overheat in small lots of samples
because of strong adhesion of the fine fraction to the
walls of the flue gas path. A major portion of the pow-
der (up to 80% of the wireweight) settlesin the primary
separators (traps, screws, and the first cyclone) and in
the chamber; thereby, the nanofraction is partly lost. To
determinethetotal yield of fractionswith aparticlesize
of less than 200 nm, we performed sedimentation anal-
ysis of the powders collected from all relevant sitesand
measured the weight of the collections. It was found
that the real content of nanoparticlesin the powder var-
ies from 15 to 30 wt% as the overheat increases from
0.5t01.0.

In an effort to reduce adhesion to the interior of the
flue gas path and improve the yield at sites of collec-
tion, we diminished the particle concentration in the
flow. To this end, we increased the cross section of the
gas tubes fivefold and the diameter of the first cyclone
by afactor of 7.5.

As follows from the experimental data, the use of
wider tubes allowed us to decrease the amount of the
powder remaining in the flue gas path by one order of
magnitude. The increased heat-exchange surface and
decreased particle concentration in the flow provided
more rapid cooling of the particles and, hence, lowered
adhesion losses.

As follows from Fig. 1, the specific surface area of
the powder from the electric filter after explosion of the
wire with d = 0.5 mm is larger than that of the powder
produced from the wire with d = 0.3 mm under similar
conditions. This seems contrary to the dependence of
the specific surface area on the wire diameter found in
[2]: S increases with decreasing wire diameter, all
things being equal. However, in [2] and other studies,
the specific surface areas of the powders collected with-
out separation (i.e., the total amount of the powder pro-
duced by explosion and collected in the explosion

K

Fig. 2. Overheat dependence of the total specific surface
area of the NiO powder at k02 =21vol%. (1) | =227 mm,

d=0.3mmand (2) | =150 mm, d = 0.5 mm.

chamber) were compared. Therefore, we carried out
special experiments and, asin [2], collected the whole
powder in the explosion chamber. The results (Fig. 2)
demonstrated that the dependence of the total specific
surface area on the wire diameter remains the same.

Unlike the metals studied earlier, arise in the oxy-
gen concentration increases, rather than decreases, the
specific surface area, all other things being equal
(Fig. 3). In the oxygen concentration range from 8 to
30 vol %, the increase amounts to 25%. However, as
the nickel overheats more and more, an increase in the
oxygen concentration givesasmaller increasein S, and
the specific surface area even decreases at K = 1.

Such behavior can qualitatively be explained asfol-
lows. The rate of a chemical reaction is known to be
controlled by the concentrations of reagents. Under the
conditions of wire explosion, this means that the higher
the oxygen concentration in the vapor, the more intense
combustion and evaporation of drops. Accordingly, the
vapor concentration grows and the vapor may become
supersaturated with subsequent condensation on appro-
priate nuclei. The higher the supersaturation, the higher
the particle growth rate and, hence, the coarser the par-
ticles. Such a scenario was observed in production of
powder oxides of chemically active metals (Al, Ti, Zr,
and MgAl,Q,) [1-4]. Therefore, in the works cited, the
oxygen concentration was lowered in order to decrease
the particle size; as a result, the combustion rate and
vapor concentration declined.

Since the heat of oxidation of nickel is low, nickel
drops evaporate with amuch lower rate. Therefore, one
can safely raise the oxygen concentration to a certain
value without supersaturating the vapor. Higher rates of
oxidation and evaporation increase the amount of the
vapor phase and its temperature, thereby extending the
condensation range because of later cooling and, even-
tually, decreasing the particle size. As the overheating
2005
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Fig. 3. Dependence of the specific surfaceareaof NiO inthe
electricfilter on the oxygen concentration at | = 227 mm and
d=0.3mm. K = (1) 0.46, (2) 0.52, (3) 0.58, and (4) 1.

grows, so does the vapor phase concentration, and an
increase in the O, concentration in the working gas has
no longer a significant influence. At K = 1, the vapor
seems to be supersaturated even at the very beginning
of expansion: the particle size grows, and the specific
surface area of the powder declines (Fig. 3).

To determine the oxygen content, we proceeded as
follows. The nickel content was determined by elemen-
tal analysis using an inductively coupled plasma (ICP),
and the Ni and NiO contents in the powder were found
by X-ray diffraction (XRD). The Ni content determined
by the |CP analysiswas corrected for the content of vol-
atiles that was obtained by thermogravimetric analysis
(TGA). From theresulting value, the nickel content cal-
culated from the XRD data was subtracted. Then, the
oxygen content was calculated. The tabulated data
show that the powders free of metallic nickel are both
stoi chiometric in oxygen content (lot NiO-56) and oxy-
gen-enriched to 9%. The oxygen content in the lots
with metallic Ni (NiO-9 and others) was calculated
approximately, since the Q-1500 derivatograph failed
in correctly measuring the content of volatiles in the
neutral gas. The TGA datarepresent the sum of desorp-
tion from and oxidation of metallic nickel. Analyzing
the explosion conditions and oxygen content, we found
that the latter grows with decreasing nickel vapor con-
centration. The oxygen content in the powders prepared
by explosion of the thinner wire is higher, al other
things being equal.

There is evidence that higher nickel oxides (Ni,O5)
exist [6]. This suggests that the excessive oxygen
observed in the nickel oxide nanopowders enters into
Ni,O5 present in NiO in the form of a solid solution.
However, the existence of Ni,Oj is not yet awell-docu-
mented fact [6].

After sedimentation under the conditions described,
the powders contain particles up to 300 nm in size and
TECHNICAL PHYSICS  Vol. 50
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(a)

1005 1642

(b)

30kV  x10.000

705 1639

Fig. 4. Typica micrographs of the (a) nanoparticles and
(b) sediments and (c) the electron diffraction pattern of the
nanoparticles.

are free of metallic nickel (see the XRD datain table);
therefore, we may conclude that Ni is present in parti-
cles whose size exceeds 300 nm.

From micrographs (Fig. 4a) and electron diffraction
patterns (Fig. 4c) taken of the powder particles, it fol-
lows that they have different shapes (from cubic to
spherical) and a crystal structure where the basic phase
isrhombohedral NiO. Thelatter fact is supported by the
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Table

Lot no. S m?lg Ni content (ICP | Content of vola- | Metallic Ni con- |Ni contentinNiO, | Oxygen content

analysis), wt % |tiles (TGA), wt % | tent (XRD), wt % wt % in oxide

NiO-6ns 36 75.9 2.75 0 78.05 NiO; 933
NiO-7ns 54 74.4 35 0 77.1 NiO; oo
NiO-9ns 30 76.05 1.94 0 77.6 NiO; g5
NiO-10ns 45 754 3.3 0 78.0 NiO; o4
NiO-9 24 774 1.48 3.7 74.9 NiO; o3
NiO-13 21 76.8 1.73 13 76.8 NiO; 11
NiO-50 47 75.8 2.82 1.0 77.0 NiO; gg6
NiO-52 27 75.1 2.71 <0.5 76.7 NiO; 11
NiO-56 57 75.5 4.0 0 78.6 NiO; o
NiO-61 16 77.2 177 <0.5 78.1 NiO; gog

Notes: The error in the Ni content determined by both methods is +0.3%. The stoichiometric Ni content in the NiO oxide is 78.58 wt %.
Letters ns in the batch number indicate that the powder was subjected to sedimentation in isopropyl acohol and does not contain

particles coarser than 300 nm.

XRD data. The lattice parameters along the hexagonal
axesarea = 0.2952 nm and ¢ = 0.7237 nm. Comparing
the grain sizes determined by XRD (3449 nm) with
the mean of the bulk and surface particle diameters
(dger = 15-50 nm) from lot to lot shows that these val-
ues may both coincide and differ by roughly twofold.
This suggests that the NiO particles are in both the sin-
gle-crystal and polycrystalline states. We failed to
establish any correlation between the grain size and
explosion conditions.

The micrographs of the powder sediments (Fig. 4b)
exhibit particles that are likely to form when the liquid
metal splashes out through the solidifying surface layer
(the melting point of nickel is lower than that of its
oxide) because of heating the particles by the energy of
oxidation. This finding confirms our concepts of the
particle formation mechanism.

Number of particles
600+

500}
4001
3001
200F
100

0 100 300

Particle size, nm

Fig. 5. Particle size distribution in the powder from lot
10 ns.

The particle size distribution in the powder sediment
(Fig. 5, atotal of 2448 particles included) turns out to
be close to the logarithmically normal distribution with
average geometric diameter d, = 24.4 nm and standard
deviation 04 = 2.3. Here, 28 particles have a diameter
falling into the range 100200 nm and four particles
have adiameter of >200 nm (the largest one had adiam-
eter of 317 nm). The calculation based on this distribu-
tion demonstrates that the weight of particles smaller
than 100 nm across accounts for 58% of the total
weight and the percentage of these particles is more
than 98%.

CONCLUSIONS

The conditions for production of nickel oxide nan-
opowders by electrical explosion of a wire were stud-
ied. A decrease in the overheat and an increase in the
oxygen concentration favor the preparation of the pow-
derswith ananoparticle size of =15 nm by explosionin
a gaseous atmosphere under normal pressure.

Theyield of the powder fraction with aparticle size
of less than 100 nm accounts for about 15% of the
weight of the wire for low-overheat explosions and
increasesto 30% at K = 1.

A decrease in the particle concentration in the flow
through an increase in the cross section of the gas tubes
and in the diameter of the cyclones substantially
improves powder separation and increases the weight
of the nanofraction.

The particles have various shapes and may be both
single-crystal and polycrystalline.

The nickel oxide prepared under our conditions is
oxygen-enriched to 9% relative to its stoichiometric
composition.

TECHNICAL PHYSICS  Vol. 50
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Abstract—An analytic model is proposed of adielectric-barrier dischargein the Townsend mode, in which the
space charge is small compared to the charge accumulated on the dielectric surface. The discharge mode
depends substantially on the ratio between the frequency of the external voltage and the ion drift time through
the gap. A low-frequency case is investigated, in which the space charge can be ignored. The analytic expres-
sions obtained agree well with experiments and numerical simulations. The physical mechanism for the onset
of relaxation oscillationsin the Townsend mode isrevealed. The time behavior of adielectric-barrier discharge
is qualitatively described, and its basic scaling parameters are determined. © 2005 Pleiades Publishing, Inc.

INTRODUCTION

The dielectric-barrier discharge (DBD) isagasdis-
charge operating between electrodes one (or both) of
which is covered with a dielectric (see Fig. 1). DBDs
were first utilized to produce ozone [1, 2]. Nowadays,
they are widely used for the sterilization of medical
instrumentation [3], in plasma panels [4], and in exci-
mer lamps [5]. When an ac voltage is applied to the
electrodes, the electric field in the gap is determined by
the applied voltage and the charge accumulated on the
dielectric surface. The discharge occurs when the field
strength exceeds the breakdown level. DBD experi-
ments were carried out over a wide range of the dis-
charge parameters:. the pressure was varied from a few
Torr to several hundred Torr [6, 7], and the frequency of
the applied voltage was varied from a few kHz to sev-
eral hundred kHz [7, 8]. The electrode gap length was
usually on the order of several millimeters.

Three fundamentally different DBD modes can be
distinguished: the Townsend mode, the uniform glow
mode, and the filamentary mode. The simplest is the
Townsend mode, in which the electric field is not dis-
turbed by the space charge and no plasmais produced.
In the glow discharge mode, which is often observed at
high frequencies of the external voltage, the field is
strongly disturbed by the space charge and most of the
discharge volumeis occupied by the plasma. A filamen-
tary discharge is an ensemble of thin conducting
plasma channels (filaments) growing chaoticaly
between the electrodes.

In spite of significant progressin numerical smula-
tions (see, eg., [5, 9]), it isdesirable to obtain a quali-
tative analytic picture of such discharges. In this study,
we consider the basic scaling lawsthat allow oneto pre-
dict the time dependences of the DBD current and elec-
tric field in the Townsend maode. The physical mecha-
nism for the onset of oscillations of the current and

electric field in a DBD discharge is revealed, and sm-
ple analytic expressions describing such oscillations
are obtained.

Here, we consider the case where the frequency of the
applied voltage w is much lower than the inverse ion
drift time through the discharge gap, 1. If the ion
motion is governed by the ion mobility, then we have

L 2T
= — <€ =
T E,by  w’ &)

where E,, is the breakdown electric field and b, is the
ion mobility. In Section 1, we present the basic equa
tions of the problem. If there are no charged particlesin
the gap (passive phase 1), then the surface charge is
constant and the electric field in the gap follows the
applied voltage U(t). Active phase | is accompanied by
oscillations of the discharge current, the electricfieldin
the gap, and the surface charge. A relation between the
applied voltage U(t), the electric field in the gap, and
the surface charge density is obtained. In Section 2, the
equation for the conduction current is derived. Oscilla-

Electrode”77777777777777

___

Dielectric

Fig. 1. Scheme of adischarge cell.
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tion mode | isinvestigated in Section 3. The oscillation
mode that occurs when the applied voltage U(t) varies
gradually over time isinvestigated in Sections 4 and 5.
It is shown that, when U(t) varies abruptly (a meander-
ing voltage), no oscillations are excited. In Section 6,
the calculated results are compared to experiments and
numerical simulations. The distortion of the electric
field in the gap by the space chargeis considered in the
Appendix.

1. BASIC EQUATIONS
AND SIMPLE ESTIMATES

Thecurrent inthedielectricisentirely carried by the
displacement current, whereas, in the discharge gap, it
iscarried by both the displacement and conduction cur-
rents. The charges produced in the gap arerapidly (over
a time of about 1) carried away from the gap to the
dielectric surface and accumulate on it over a time on
the order of w™. Therefore, when inequality (1) is sat-
isfied, the space chargeissmall compared to the surface
charge and the charge densities on the electrodes differ
only in their signs,

04(t) = —0,(1). )

In this case, the electric field in the gap is deter-
mined by the applied voltage and the surface charges.
Thefield produced by the surface charges can partialy
neutralize the applied voltage; therefore, in the case of
high overvoltages, the net field in the gap is the differ-
ence of the two large terms. The condition under which
the distortion of the field in the gap by the space charge
issmall in comparison to the breakdown field is found
in the Appendix.

In order to solve the problem, it is necessary to
express the field in the gap through the applied voltage
U(t) and the charge density on the dielectric surface,

o(t) = |oy(t)]- According to the Gauss theorem, we have
E=U 12d+0 Szdd 3
L+28  L+28¢8
€ €

As soon as the field in the gap exceeds E,,, the cur-
rent begins to grow rapidly. The discharge current as a
function of the electric field is determined by the expo-
nential dependence of the first Townsend ionization
coefficient o on the electric field. In turn, the ratio M of
the electron flux onto the anode to that onto the cathode
depends exponentialy on a. The current through the
gap increases by a factor of M — 1 over atime on the
order of 1. Therefore, the current grows over time by a
nearly exponential law with the power index

f MT_l dt. According to the Le Chatelier principle,

such arapidly growing current keeps the electric field
at alevel close to E,.. Therefore, when developing a
simplified model, we can assume that the electric field

TECHNICAL PHYSICS  Vol. 50

No. 10 2005

1285

in a Townsend discharge does not exceed the break-
downfield, |E(t)| < E,,. Thedischarge operation over the
entire period of the applied voltage can be separated
into two phases. During active phase | (t* <t < 1W2w),
the conduction current flowing through the gap changes
the surface charge density and maintains the electric
field at the level E = E,,. According to Eq. (3), the sur-
face charge density varies in proportion to —U(t). Dur-
ing phase I,

l<'[<T[+t*
W

20

the electric field in the gap islower than E,.. At the very
beginning of this phase, all the charged particles are
carried away from the gap to the dielectric surface.
After this, the conduction current is zero and the sur-
face charge density is constant. According to Eg. (3), a
change in the applied voltage leads only to a changein
the electric field in the gap. The beginning of active
phase | isuniquely determined by the formula

t* = U_l%EbrE_ + =gVl _ 4

When phase | changesinto phasell, theelectricfield
in the gap varies continuously,

UM +U]

T
D———-———-———— — <t <t*
2d Bor, 20 L=t

E(t) = L+= (5)

Tt
t* <t<—.
br 2w

I:IL_I_IJI:II:II:II:I

The time evolution of the eectric field, the surface
charge density, and the current in the case of a sinusoi-
dal voltageis shownin Fig. 2.

When the overvoltageis low,
2d7
Umax<2L%L+L—€DEb,, (6)

breakdown occurs after U(t) changes its sign. Con-
versely, in the case of high overvoltages,

2
U > 2LEL + L—EEW,

breakdown occurs before U(t) changes its sign. It can
be seen that the durations of phases | and |1 depend on
the amplitude of the applied voltage. The overal pat-
tern of the time evolution of the electric field is illus-
trated in Fig. 3.
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Electric field

Charge, current

Fig. 2. Timeevolution of the current, the surface charge, and
theelectricfield in the gap. In phase |, the current maintains
the electric field at alevel of E = Ey,. In phase 11, the con-
duction current is absent.

From Eq. (3), we obtain the expression for the con-
duction current that is necessary to limit the electric
field:

j = == = Ddt 8md’ (7)

In fact, the current during phase Il is very low. It
cannot increase instantaneously to the value prescribed
by Eq. (7). Therefore, the current is delayed relative to
the applied voltage; this circumstance is not accounted
for in our simplified model. When the electric field
reaches E,,, the current is still very low and the surface
charge density is essentially constant. Since the voltage
U(t) varies with time, while the surface charge density
remains constant, the electric field in the gap continues
to grow (see Eq. (3)) and exceeds E,,. This process con-
tinues until the current becomes high enough for the
surface charge density to vary significantly; as aresult,
the electric field begins to decrease. The current
increases until E(t) becomes lower than E,. Such
behavior corresponds to relaxation oscillations. To
describe these oscillations quantitatively, it is necessary
to determine the functional dependence between the
electric field and the current. Below, we will derive a
closed equation describing oscillation phase .

NIKANDROV, TSENDIN

2. CURRENT EVOLUTION

We restrict ourselvesto asimple Townsend model in
which the electronsin the gap are multiplied mostly via
the impact ionization of neutral atoms. This processis
determined by the electric field alone. The secondary
electrons are emitted from the cathode due to its bom-
bardment by ions. The duration of the electron multipli-
cation cycle in a Townsend discharge is determined by
the characteritic drift timet of anion from the place of
its origin to the cathode surface (the cathode and the
anode are defined in relation to the electric field in the
gap). Let usfirst consider the case of local ionization.
In this case, the current varies according to the formula
[10]

I(0) = Jeal) + [iH -yl -3
0

X exp[xa % - )—ﬂdx.

Here, j(t) isthe conduction current at the cathode, j (1)
the ion-induced electron emission (the external ionizer
current), and uistheion drift velocity. Note that, know-
ing solution (8) with jg(t) ® (t —1t"), we can find the
solution for an arbitrary time dependence of j(1):

(8)

t

i = { [lsa()i(t t)dr,

i(t,t) = lﬁé(t—t') ©)

-3y -oe] -

Therefore, the solutioni =i(t, t') isakind of Green's
function for our problem. Since we describe variations
in the electric field during phase |, we have y(e*®- —
1) = 1. In case of a constant overvoltage, the current
grows exponentialy, i = iexp(B(t —t"). Indeed, such a
time dependenceisasolution to Eg. (9). The coefficient
[ satisfies the transcendent equation

1
1rv-gglgm oo @

which always has a solution. For example, wheny < 1,
we have

_ uln(y(e"" -1))
B= - :

If B changes only dlightly over the time T, then we
can use an approach similar to the WKB approxima-
TECHNICAL PHYSICS Vol. 50
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tion; i.e., we can assume

0 0
= Ioexpa’ﬁj, (11)
) O
where 3 depends explicitly on time,
__E__} 1l _ opQPLO
[1+ G (D) gL expD s (12)

It follows from Egs. (9) and (11) that, in the case of
local ionization, the current varies as

eot(t)L

= [l

—o0

expB’In[y( 1)] dt'@dt'. (13)

The results obtained can be generalized to the case
of nonlocal ionization. Thus, solution (8) can be rewrit-
ten as

i) = jeald) + p% WML a4

where M(x, E) is the coefficient of electron multiplica-
tion.

This coefficient is equal to the number of secondary
electrons generated by one primary electron asit travels
a distance x from the cathode. In the case of local ion-
ization, we have

M(x, E) = y(e"®*-1). (15)

Therefore, the only characteristic of the ionization

process is the coefficient M(x, E). A conventionally

used multiplication coefficient is equal to M(E(t)) =
M(L, E(t)). Hence, solution (14) can be rewritten as

ety O ) .0
it = J’————Je’“r(t)expg————-—————lnM(E(t ))thdt'.

—o t

(16)

Expression (16) has a clear physical meaning. The
current at the timet is determined by the values of the
external ionizer current and the electric field at the pre-
vious times. The ionizer currents generated at the pre-
vious times are amplified by a factor of MUT and are
added together. It can be seen that the current does not
change instantaneoudly, as was assumed in the above
simplified model (see Fig. 2).

The lower integration limit in Eq. (16) corresponds
to phase I, in which M < 1. The conduction current at
TECHNICAL PHYSICS  Vol. 50
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Fig. 3. The effect of the overvoltage on the electric field in
the gap.

the instant of breakdown is determined by the expres-
sion

*

j(t) = I—jeXtT(t')expS’InM(t")dtht
- ‘ (17)
~ 1 * n
= Jea) JZTd[M(E(t))]
dt f=

For the sake of convenience, we will further assume
that t* = 0 (see Fig. 3).

3. OSCILLATORY DISCHARGE MODE
Expression (16) isasolution to the differential equa-
tion
dj _ . .
T(Tjt = JINM(E) + jo-

By differentiating Eq. (3) over time, we obtain an
additional equation for the electric field in the gap,

(18)

dE _dU 1 gm _d
dt ~ dt L+ 28(_1 L+ ggs

Combining Egs. (18) and (19), we obtain a closed
differential equation for the electric field in phase |,

dE _du_ 1

da?  dt? 2d
LE+ L[]

0 0 (20)
JME)IE du 1 O 8dm jeu()
T [t o) €L+2d T

at
0 LE+

To analyzethis equation, weintroduce the following
dimensionless variables: the time 6 = t/1, the electric

el



1288

field E = E/E,, the externa voltage

v 1
2dE, L’
1+ 5= br
eL
and the ionizer current | = jo./j = o- We aso introduce
the dimensionl ess coefficient
8rd  Jli=o
= —— -~ 179, 21
K= EL+20) E, | (21)
The current at theinstant of breakdown, j|; - o, IS pro-
portional to the ionizer current and is defined by
Eq. (17). Hence, Eq. (20) can be rewritten as

In(M(E))%gg ‘C’%’E— ik

_ do

P =

H°E dq>
w

%ha:o =1,
O

In the case of local ionization, the coefficient M(E)
is determined by Eq. (15). The ionization coefficient o
isrelated to the electric field and gas pressure as a/p =
f(E/p) and is usually written as

(22)

6=0

BO
E/p

It is worth noting that the above equations remain
valid for any other dependence of the multiplication
coefficient on the electric field.

Equation (22) describes relaxation oscillations of
the electric field. If the frequency of these oscillations
is much higher than w, which takes place when expres-
sion (1) is satisfied with a large margin, then the oscil-
lation characteristics adiabatically follow dd/d6. This
was proved experimentally for the first time in [11].
The value of d?®/d6? does not influence the solution
because, as follows from condition (1),

do _ d°o
dG dez'

An exception isthe case where ®(8) varies abruptly.
We will consider this case using a meandering ®(0) as
an example.

alp = AexpD

4. THE CASE OF A GRADUALLY VARYING
EXTERNAL VOLTAGE

In the case of a gradually varying external voltage,
Eq. (22) can berewritten as

% In(M(E))DjE ol = ik

U
%E|eo @

do =3

= const.

S do

==
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Note that there is a small parameter K in both
Eq. (23) and theinitial condition for thetime derivative.
The smallness of the parameter k follows from its pro-
portionality to the external ionizer current. Omitting
this parameter in the eguation is equivalent to the
switching-off of the ionizer at thetime 8 = 0. The mul-
tiplication of electrons in the growing electric field
E(B) > 1 is aways very intense; hence, taking into
account the ionizer current against this background
leads only to small corrections that decrease with
decreasing K, as will be shown below. Ignoring these
corrections, we obtain

d’E

WE O _
— —In(M(E —qa 0. 24
s n( ()) (24)

This eguation describes the motion of aparticlein a
systemwith adriving force and alternating friction. The
driving force and friction change their signsat E = 1.
Homogeneous equation (24) has a strictly periodic
solution. The electric field E(B) oscillates from E, ., =

max ( E) to E;, = min( E), so that
6 0

E,

max

[ InMdE = c+ognZ -4
(25)

E

max

J’ InMdE = 0.

Emin

Let us consider the case of small-amplitude oscilla-
tions. In this case, we have M(E) =1+ M'(E—1). It can
be seen from Eq. (25) that this equality is equivalent to
the condition

Enax—1=1—E - (26)
The phase portrait of the solution in this case,
Op+Injp-1 = Z2-X
Ep dEpl M'D P’ (@)
— (B
OP="5=, Z= (E 1); In——l
o deo EQCDD
isshownin Fig. 4.

At large values of the parameter X (starting from
X = 1), the phasetragjectory in theregion of adecreasing
electric field can be approximated by p = 22— X. This
allows usto determine both the law according to which
the electric filed decreases and the oscillation period ©,

E=1—/ tanh% Qj Mq"XD

(28)
~1_arwlh_
=1-0'XH ]
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(M20)2 (E-1)
1.5k

1.0
0.5
0

-0.5
-1.0

-1.5

Fig. 4. Phase trgjectories of the electric field in aDBD dis-
charge (the case of small-amplitude oscillations).

1+X

0= L (B — Ein) = (14 X) [

A strictly periodic solution (see Fig. 5) can be
obtained only when the external ionizer is completely
switched off at thetime 6 = 0. Taking into consideration
the ionizer current at a constant @' results in a gradual
decrease in the oscillation amplitude with time. In this
case, the field approaches a limiting value E;;,,,, satisfy-
ing the equation

(29)

M(Ejin) = eXpD K]

T ol (30)

In the case of E;;,,, = 1, EQ. (30) hasthe solution

_ K
M'p"

The characteristic decay time of the electric-field
oscillations can easily be estimated. Defining E as a
solutionto Eq. (24) and E + 8E asasolution to Eq. (23),
we can expand OE in a series up to the first nonvanish-
ing term,

Bim =1

. _Kg2
SE=—6".

This allows usto estimate the correction to the el ec-
tric field over a time interval during which the field
increases, i.e., up to

— (Emax - l)
T o

A small inhomogeneity of Eq. (23) affects the solu-
tion only in the phase in which the electric field grows

S

mmmmawmaWamw%%—¢EBmeQﬂ

one oscillation period, the oscillation amplitude
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E = E/E,,

Fig. 5. Small-amplitude oscillations of the electric field in
the gap for X = 4.

decreases by

o = X[ Era-UT°

Asaresult, wefind that the characteristic time of the
oscillation damping due to the action of the externa
ionizer is equal to

d'(1+ X)
X (31

If time (31) is much longer than the time during
which d®/dB = const, then the electric field decreases
insignificantly. The condition

PA+X)
—x > 0. (32
which follows from expression (31), can serve asacri-
terion of the applicability of EqQ. (24) instead of
Eq. (23).

This condition is satisfied at sufficiently small val-
ues of K. When this condition is not satisfied, electric-
field oscillations are aimost absent, E(8) = E;, (see
Fig. 3). Expressions (27), (29), and (31) determine the
basic scaling parametersin the case of agradually vary-
ing external voltage.

5. THE CASE OF A MEANDERING EXTERNAL
VOLTAGE

Theproblemissignificantly ssmplified in the case of
a step external voltage. The main simplification is the
absence of phase Il (see Fig. 2), because the electric
field inthe gap is aways on the order of the breakdown
field. Equation (22) for the electric field in the gap takes
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E = E/E,,

Time, 0 = ¢/t

Fig. 6. Time evolution of the electric field and conduction
current in the gap in the case of a meandering external volt-
age.

Electric field, kV/cm
- (a)

1 1 1 1 1 1 1 1 1 1
-4 -3 -2 -1 0 1 2 3 4
Time, 107 s

Fig. 7. Time evolution of the electric field and external volt-
ageinaDBD [11].

the form
TE nmeEenE = i«
0de? de
O (33)

%Elezo = Emax1 d—E = —K.
O deG:O

Likein the case of agradually varying external volt-
age, we consider a homogeneous equation, keeping a
small parameter in the initial condition,

d’E

dE _
aé—z—ln(M(E))aé = 0. (34)

NIKANDROV, TSENDIN

Solution to Eq. (34) can be written in quadratures,
E,

8(E) = f+

max

F K+ I In(M)

(35)

It can be seen from Eq. (35) that the electric field is
a monotonically decreasing function that asymptoti-
cally approaches the value E,;,,, defined by the condi-
tion

E

Ein: IInMdE = —K.

E

(36)

To investigate solution (35) qualitatively, we write
down the expressions for the time dependences of the
electric field and current in the case of low overvoltages

(thisisequivalent to the expansion of the multiplication
coefficient into aseriesM(E) =1 + M'(E-1)),

E = CltanhBZZ—Cle'GE+ 1,
cimr

Cc,Mm'
2K cosh’ 8:2 - lT (37)

J =

2K
Cl = /\/(Emax_l)z-l'm_.:Emax_lv

O O
LE, . — 11
C, = arcsinh[F—=—].

0 [k O
0w O

It can be seen that the current pulse is delayed rela-

tive to the ®(B) and reaches its maximum at the time
2C, _ 2C,
C,M' ~ (Epe—1)M"

The maximum current is proportional to the over-
voltage squared, J(8) ~ (Eja — 1)2 1t can also be seen
that, at low overvoltages, wehave E, —1=1—-E.,.

If the duration of phasel (see Fig. 6) ismuch longer
than 20, i.e, if 8 < 12wT, then it is necessary to con-

sider corrections associated with the external ionizer
current (i.e., to take into account the inhomogeneity of

Eq. (33)),

0=

6

E(8) = Enn—K]e
0

enmme O, 0
(6-0)! M(E""'”)B’t(e")de'Dde',
J 0 (39

0> 6.
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Theory
ooo Experiment

0 10 20 30 40 50 60
Time, 0 = ¢/t

Theory
$ ooo Experiment

)

?9’\/ \ﬁo%\/% \/ \\Z N
051 ° . % . .
0 10 0 40 50 60
Time, 0 = t/T
J1j(0)
o]

=1t

1I I Phase 11

Fig. 8. Measured [11] and calculated time dependences of
the electric field and current for (a) a linearly varying and
(b) asinusoidal external voltages.

Solutions (37) were found earlier in [10]. However,
an important advantage of the present approach is the
possibility of analyzing the case of high overvoltages
and determining E,... The condition of the discharge
periodicity and the parity of the electrodes allows us to
write the equation

E. = 20— EEI’;E~ 20—E, .
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Voltage, kV
15

I, mA

[
&h
s

=
©

>

0 02 04 06 0.8 1.0 12 14 1.6 l.g
Time, ms

Fig. 9. Time evolution of the current and the externa volt-
age [6]: the separation of the discharge into two phases.

Taking into consideration condition (36), we obtain
the equation for E,,,,

E

( In(M)dE = —.
I

20— Eppe

(39)

In formula (39), correction (38) can also be taken
into account.

6. COMPARISON WITH EXPERIMENT

The above model agrees surprisingly well with
existing experimental and simulation results [6, 8, 11,
12]. The observed time evolution of the discharge
parameters is analogous to those described by Eq. (5).
Figure 7 illustrates the time evolution of the electric
field in adischarge operating in ahelium flow at a pres-
sure of 730 Torr [11]. The frequency of the external
voltage (sawtooth in case (@) and sinusoidal in case (b))
was 1.5 kHz, the other parameters being L = 0.2 cm,
d=0.23 cm, and € = 5. Relaxation oscillations are
clearly seen. The amplitude value of U(t)/(L + 2d/e)
was closeto 2E,,; therefore, in accordance with Egs. (4)
and (6), phase | began just after U(t) changed its sign.
In accordance with simplified model (5), the oscilla-
tions terminated when the voltage reached its maxi-
mum. Note that, in the case of a sawtooth voltage, the
oscillations (except for the first one) were almost peri-
odic. Since the surface charge was constant during pas-
sivephasell, the curve E(t) in this phase almost exactly
followed U(t)/L + 2d/e (see Eq. (5)). The parameter pL
corresponded to the right branch of the Paschen curve.
When comparing the results of calculations by using
Eq. (22) to the experiment, we used the Townsend
approximation,

a = ApexpD E/pi]
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Voltage, kV [, mA
(a) 140
15
Experiment 130
10
Voltage 120
5 -
Current 10
0 0
_5 -10
10k 1-20
15k 1-30
L L L ! L -40
b 140
s (b)
Theory 130
10
Voltage 120
5 -
Current 10
0 0
-5 -10
_ 10 L T —20
15k 1-30
1 1 1 1 1 _
0.26 0.28 0.30 0.32 0.34
Time, ms

Fig. 10. Current oscillationsin aDBD [6].

where A = 3 (cm Torr)™ and B = 25 V/(cm Torr) [13].

Such a comparison allows usto estimate the current
density of the external ionizer in the range from 10 to
10° mA/cm?. The simulation results are presented in
Fig. 8. The only adjustable parameter in these calcula-
tions was the value of j.,. For linearly varying and a
sinusoidal external voltages, this parameter was set at
10 and 3 x 10™* mA/cm?, respectively. It should be
noted that the results are almost insensitiveto j ;. Thus,
in order to adequately describe the first current pulse,
which differs from the others by a factor of about 2, it
would necessary to assume jo; = 107° mA/cm?.

As was mentioned above, the expressions obtained
depend only on the multiplication coefficient, so they
are applicable both to the right branch of the Paschen
curve, when the ionization can be considered local, and
to its left branch, when the ionization is nonlocal and
approximation (15) is inapplicable (see [14]). Such a
situation took place, e.g., in [6], where a discharge in
methane at apressure of 0.75 Torr was investigated, the
other parametersbeingL =0.5cm, d=0.5cm, and f =
1.4 kHz. The separation of the discharge into two
phasesin accordance with our simplified model isillus-
trated in Fig. 9. The breakdown time determined by for-
mula (4) isin good agreement with the experiment, in
particular, at hegative currents.

03 Experiment -16
02+ 500 Hz -
01 40.8
' Current ]
0 3 0
-0.1} T 0.8
-0.2F Voltage 17
1 1
004 L 100 Hz -
40.8
0.02 Current T
N 0 0
E_002f >
< 4-0.8%
= —0.04 - Voltage 4 %
= =
Z -0.06 . . -1.63
< Th =
£ 03 —y 116 &
E 02 £
©) 01 0.8 M
0 0
-0.1 0.
-0.2 Voltage '
1 1
004 L 100 Hz -
40.8
0.02 Current T
0 0
-0.02 T 0.8
-0.04 Voltage 1
-0.06 : : ; 1.6
0 0.25 0.50 0.75 1.00

Fractional period

Fig. 11. Measured [8] and model ed time dependences of the
currentinaDBD.

From the Paschen curve presented in [6], the local
values of the coefficients in the Townsend approxima
tion were found to be A = 12 (cm Torr)™ and B =
800 V/(cm Torr). The time t was estimated from the
characteristic cross sections for ion—molecular colli-
sions, and it was assumed that j., = 10 mA/cm?. The
experimental data and theoretical results are presented
inFig. 10.

In[8], adischargein helium at atmospheric pressure
was investigated. An advantage of those experiments
was that they were conducted within a wide frequency
range (from 100 Hz to 10 kHz) satisfying condition (1).
When comparing the results of calculations by using
Eqg. (24) to the experiment (see Fig. 11), we used the
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Number of pulses

Frequency, kHz
—— Scaling
O 3mm, 1.8kV
O 3mm, 1.5kV
+ 5mm, 1.8 kV
X 5mm, 1.5kV

Experiment
O 3mm, 1.8 kV
O 3mm, 1.5kV
+ 5mm, 1.8kV
X 5mm, 1.5kV

Fig. 12. The number of current pulsesvs. frequency [8] and
its scaling.

approximation

a = CpexpE—DA/:g%,

where C =44 (cm Torr) ™, D = 14 V¥2/(cm Torr)Y2, L =
0.3cm,d=0.23cm, € =7.63, and y = 0.01 (see [8]).

It can be seen from Fig. 11 that the theoretical
results are in good agreement with the experimental
data. In calculations, it was assumed that jo; = 5 X
10~ mA/cm? for f =500 Hz and j, = 10* mA/cm? for
f = 100 Hz. These values of j, are in agreement with
the assumption that the externa ionizer current is
caused by the interaction of metastable atoms with the
cathode surface. However, the calculated value of the
oscillation period was found to be half again the
observed one. We failed to achieve better agreement in
the period and shape of oscillations by varying the jq.
value.

The scaling of the oscillation period (see Eq. (29))
allows us to determine the number of current pulses
during active phase | (Fig. 12). An approximately two-
fold decrease in the duration of phase | and a twofold
increase in T when passing from L = 0.3 to 0.5 cm
should lead to afourfold decrease in the number of cur-
rent pulses. In the experiment, however, the number of
current pulses did not change as compared to the case
of L = 0.3 cm. Thisis presumably associated with the
influence of the space charge (see Eq. (42)). Indeed, at
the same frequency and waveform of the applied volt-
age, the space charge in the case of L = 0.5 cm is
approximately twice as large as that in the case of L =
0.3 cm. It can be seen from Eq. (29) that the oscillation
period is proportional to wY2. The duration of phasel is
proportional to w™ and, at a given frequency, is only
determined by the overvoltage (see Fig. 3). Therefore,
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Fig. 13. Results of numerical calculations[12] and our the-
oretical model.

the number of current pulses is proportional to w2,
which agrees with the experiment over the entire fre-
guency range. Our model is aso in good agreement
with numerical simulations, e.g., with the results of
[12], where a uniform Townsend DBD was simulated.
A specific feature of those simulationswas the presence
of astrong external ionizer (the desorption of electrons
from the cathode). Aswas noted above, the presence of
a sufficiently strong ionizer results in the decay of
relaxation oscillations (see Eg. (31)) even in the case of
alinearly growing voltage. The numerical simulations
carried out in[12] corresponded to adischarge in nitro-
gen at a pressure of 760 Torr, the other parameters
beingL = 0.1 cm, d =0.01 cm, and € = 1. The voltage
grew linearly with dU/dt = 4 x 108 V/s. The coefficients
inthe Townsend approxi mation were assumed to be A =
8.8 (cm Torr)™ and B = 275V/(cm Torr) [13]. The sim-
ulation results[12] and the results of calculations of the
electric field and current by using Eq. (22) and formula
(16) are presented in Fig. 13.

CONCLUSIONS

An analytic model of auniform DBD has been pro-
posed. It isshown that, when the frequency of the exter-
nal voltage is low as compared to the ion drift time
through the gap, the discharge operates in the
Townsend mode. The analytic expressions obtained are
in good agreement with experimental results. The phys-
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ica mechanism for the onset of relaxation oscillations
in the Townsend DBD isrevealed. Thetime behavior of
a DBD is qualitatively described, and its basic scaling
parameters are determined.

APPENDIX

Disturbance of the Electric Field
by the Space Charge

In a Townsend discharge, the eectric field is only
dlightly disturbed by the space charge. Let us estimate
the space charge and find the disturbed electric field.
We represent the electric field in the gap asasum of two
components: E(t) = EE,, + OE, where E,, > OE, Eisa
solution to Eg. (22) and dE(x, t) is a correction associ-
ated with the space charge. The correction oE satisfies
the equation

d(3E) _

Ix =41, €, (40)
where
L —x7. L—x]
. bE, U bE, U
nion(xa t) = Jlon(X’ t) = 2 >

ebE, ebE,,

The factor M appears due to the noncoincidence of
the cathode and anode currents. Therefore, we have

T

SE(x, ) =4m [ M(t-t)j(t-t)dt.
H-

A discharge operates in the Townsend mode only
when the inequality

(41)

(OE) max

<1
Ebr

is satisfied.
Let us estimate (OE),,./Ey, for the case of a gradu-

aly varying external voltage. Using Egs. (19) and (28),
the maximum current can be estimated at

PeE,(1+ X)H + %‘E

8mdt
Substituting this current into Eq. (41), we obtain
(6E)max~ UmaxMEL(l'i'X)
B, L{A) LE, p— . (42)

It is also easy to estimate (OE) ,./Ey, for the case of
a meandering external voltage. Using Eq. (37), the

NIKANDROV, TSENDIN

maximum current can be estimated at

M'j ;- o Emax—1)°
2K )

Then, we have

1 2
(6E)max= +£_LDMM (Emax_l) .
E, 2d] 2

When condition (1) is satisfied and ratio (42) or (43)
issmall, the discharge operates in the Townsend mode.

(43)
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Abstract—The response of magnetic losses to rotation-induced magnetization reversal in single-crystal
Fe-3 wt%Si disksis studied as afunction of the disk thickness and magnetic induction. It is shown that the loss
power varies nonmonotonically with disk thickness d, exhibiting a minimum at d = 0.15 mm. The crystallo-
graphic orientation of the disk surface significantly influences the amount of the losses. The variation of the
losses is discussed with regard to the effect a rotating magnetic field has on the domain structure. © 2005 Ple-

iades Publishing, Inc.

INTRODUCTION

A challenging problem, which is associated with
using silicon steels in the electric engineering industry,
consists in decreasing energy losses due to magnetiza-
tion reversal in magnetic circuits subjected to variable
linearly polarized (hereafter alternating) and rotating
magnetic fields. Alternating fields and their related
alternating magnetic fluxes are commonly encountered
in the magnetic circuits of transformers. Great
advances have been achieved in developing steels fea
turing low losses in harmonically varying magnetic
fields (see, e.g., [1]). These are (110)[001] textured
steels with a high level of perfection (the [001] axisis
one of the easy magnetic axes), where (110) plane devi-
ates from the plane of the sheet by small angle 3 (sev-
eral degrees).

Efficient ways of improving the quality of electrical
steels (reducing specific magnetic losses) are thinning
of the sheet and proper orientation of the surface of
crystallites relative to the plane of the textured sheet
(i.e., the proper choice of 3). The effect of these factors
on magnetic losses has been carefully studied on
Fe-3 wt%Si specimens magnetically switched in alter-
nating magnetic fields[2—6]. It has been shown, in par-
ticular, that, as thickness d of steel sheets decreases,
magnetic loss power P varies nonmonotonically for a
given harmonically varied magnetic induction. Ini-
tially, P declines, reaching a minimal value at certain
d = dy, and then rises. It has been found [4] that the
value of d, depends on the hysteresis component of the
total electromagnetic |osses.

The effect of the grain surface orientation in tex-
tured Fe-3 wt%Si sheets placed in sinusoidal magnetic
fields on the amount of electromagnetic |osses has been

studied at length in [5]. The total losses have been
shown to be the lowest when the plane of the sheet devi-
ates from the (110) plane by B = 3°, rather than when
these two planestotally coincide (3 = 0). Minimization
of the losses at 3 # 0 was related to a smaller domain
width (L) in this case compared with the case 3 = 0.
Accordingly, the loss component due to eddy currents
diminishes. Similar datafor single-crystal Fe-3 wt%Si
specimens have been obtained in [6], where the losses
have been shown to be minimal at a certain (optimal)
orientation of the specimen surface about the (110)
crystal axis.

At the same time, the effect of specimen thickness
and orientation on magnetic losses at rotation-induced
magnetization reversal is scantily known. However, the
problem of loss minimization in this case is of no less
importance than in the case of aternating fields. This
issueis of both scientific and applied value, since rota-
tional magnetization reversal istypical of magnetic cir-
cuitsin avariety of motors and generators.

Sparse investigations into the problem of loss mini-
mization at rotational magnetic reversal are explained
primarily by the lack of areliable commonly accepted
magnetic |oss measuring technique. Treating of experi-
mental datais also a bottleneck. It will be remembered
that some insights into the nature of losses under the
action of aternating fields have been gained after the
role of the domain structure (DS) dynamics in occur-
rence of eddy current losses was clarified [1, 7—-10]
(largely owing to experimental studies of DS dynamic
reconfiguration taking place when the specimens are
magnetically switched in alternating magnetic fields
[4, 11-13]). Works [4, 11-13] pioneered investigation
into the DS dynamics under rotational magnetization
reversal. Specifically, losses due to rotational magneti-

1063-7842/05/5010-1295$26.00 © 2005 Pleiades Publishing, Inc.
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Fig. 1. RMR loss power Py vs. induction amplitude By, for
specimen thicknesses d = (1) 0.4, (2) 0.25, (3) 0.18, and
(4) 0.08 mm. B =1.5°.

zation reversal (RMR) versus specimen thickness d
were examined in [11, 14]. Unfortunately, the authors
of [14] restricted the analysis to the hysteresis compo-
nent. Yet, the important result was obtained that, under
RMR, the hysteresis losses grow as the specimen gets
thinner, as in the case of magnetization reversa in lin-
early polarized fields [4]. An attempt to take the d
dependence of total losses P was undertaken in [11]. It
was established that P decreases with decreasing the
specimen thickness. However, the range of d studied
was narrow (0.25-0.40 mm) because of a poor sensitiv-
ity of the instrument.

In this work, we show that the P versus d behavior
in awider range of d is nonmonotonic and akin to that
for magnetization reversal in linearly polarized fields.

Theeffect of grain axis misorientation relative to the
plane of Fe-3 wt%Si sheetson lossesunder RMR isyet
to be understood. Thefact isthat RMR losses have been
studied either on polycrystals[14], where such acorre-
lation is basically impossible to establish, or on single
crystals whose surface coincided with the (100), (110),
or (111) planes[15]. However, one may expect that the
losses considerably depend on 3 not only under reversal
in aternating fields but also under RMR, which the
similar DS dynamics in both cases [12] indicates.

Thus, the aim of this work is to comprehensively
examine the effect of specimen thickness and small
deviation of the sheet plane from the (110) plane on
total losses under RMR.

EXPERIMENTAL

We prepared two groups of single-crysta
Fe-3 wt%Si disks of diameter 18 mm and thickness
ranging from 0.08 to 0.40 mm. The disks were cut by
means of an electric arc from two thick crystals of tex-
tured electrical steel. The surface of group-I specimens

TIUNOV, FILIPPOV

coincided with the (110) plane. In group-11 specimens,
the [001] easy magnetic axis made angle 3 = 1.5° with
the surface. The thickness of the specimens was varied
by grinding with abrasive powders followed by polish-
ing with diamond paste. Then, the single-crystal disks
were annealed under a pressure of 10 mm Hg for 1 h
to relieve mechanical stresses.

Magnetization curves B, ,(H) were taken from the
specimens by the technique described in [13] (here, B,
is the maximal (amplitude) value of the induction and
H is the external magnetic field strength). RMR losses
P..«(H) were determined from the twist of the sus-
pended disk rotating in the field of an electromagnet
with arate of 50 Hz (for details, see [16]). The refine-
ment of this measuring technique has made it possible
to raise the sensitivity of the instrument and, thereby,
measure losses in thin (d < 0.1 mm) specimens. The
measurement error did not exceed 8%. Based on the
curves B, (H) and P,(H), we constructed curves
Prot(Brn) for each thickness.

RESULTS AND DISCUSSION

Figure 1 plots the RMR losses versus induction
amplitude B,,, for a number of single crystals of differ-
ent thicknesswith 3 = 1.5°. The losses are seen to vary
nonmonotonically with B, for al the specimens. At low
inductions, the losses grow, reaching a maximum at
B, = 1.7-1.8 T, and then decline. Such behavior has
been observed previoudy; importantly, however, it is
characteristic of al the specimens studied, irrespective
of their thickness. This allowed us to discover a new
effect: the loss minimum shiftstoward lower inductions
as the specimen gets thinner.

From Fig. 1, it also followsthat the thickness depen-
dence of the losses is honmonotonic at any By, in the
thickness range used in the experiment. Let us try to
explain the findings.

First of al, it should be noted that, in some cases (for
example, under magnetization reversal along the [001]
axis), magnetic losses observed in an alternating field
are much lower than rotational hysteresis losses [4-6].
If an aternating field is aligned with the [111] direc-
tion, RMR losses become as high as those in arotating
magnetic field. It will be shown here that, on average,
there is no discrepancy between the losses in one or
another direction and that both the amount and behav-
ior of the losses as afunction of crystal parameters can
be explained in the same way in both cases. Work [9] is
worth noting in this respect, where it was demonstrated
that both the total and eddy-current losses in a (110)
single-crystal sheet depend on angle a honmonotoni-
cally (a isthe angle between alinearly polarized field
and the [001] axis lying in the plane of the sheet). For
o near 55°, total losses P reach amaximum and, signif-
icantly, the maximal losses are roughly three times
higher (at B,,=0.75T,d =0.25 mm) than P at a = 0.
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Let us average losses obtained in [9] over angle a as
follows:

21'[/2
= 1_1,[ P(a)da.
0

Averaging is carried out numerically based on
experimental data[9] for P(a). For the 0.25-mm-thick

specimensat B,,=0.75 T and f = 60 Hz, we obtain P =
0.92 Wikg, Pe = 0.7 W/kg, and P, = 0.219 Wikg.
Here, P. and Py, are the eddy-current and hysteresis

losses, respectively, found in the same way as P. The
total RMR losses obtained in this work equal

0.96 W/kKg, i.e., agree well with the above value of P.

Two conclusions can be drawn from this compari-
son. First, RMR losses are in good agreement with
losses due to magnetization reversal in alinearly polar-
ized field. RMR losses turn out to be high, since their
components at any o add up, including a close to 55°,
at which even magnetization reversal lossesin an alter-
nating field are very high.

The second conclusion isthat the eddy current com-
ponent is the major contributor to the total losses mea-
sured. Moreover, according to [12], where RMR-
induced changesin the domain structure were revealed,
one can assumethat, at least upto B, =1 T, RMR losses
have the same origin as magnetization reversal lossesin
an dternating field (a # 0); i.e., they are related to the
DS dynamic reconfiguration. By way of example,
Fig. 2 demonstrates the DS reconfiguration in a quasi-
static magnetic field applied to the specimens studied.
In the demagnetized state (Fig. 2a), the DS of the sin-
gle-crystal disks consists of large strip domains sepa-
rated by 180° walls. Even in aweak field directed at an
angle to the [001] axis, the disks are magnetized owing
to aclosure DS propagating from their edges (Fig. 2b)
and consisting of a set of fine domains making an angle
of 55°-60° with the strip domains. The closure DS,
compensating for stray magnetic fields at the edges of
the disk, is not continuous: it consists of a variety of
inner and surface domains (for more details, see[9]).

As the field grows further (Fig. 2c), so does the
specimen area occupied by the closure DS, which even-
tually covers the initial strip DS. The dynamics of the
strip and closure DSs in single-crystal Fe-3 wt%Si
disks subjected to rotating magnetic fields was studied
at lengthin[11, 12].

L et us concentrate now on the nonmonotonic induc-
tion dependence of the losses. Such a dependence
seems surprising, since, according to the electromag-
netic field theory, the losses must be proportional to the

time-averaged variation of the induction, (dB/dt)2 ~

Bﬁ1 , provided that the permeability has a moderate and
constant value. Actually, however, nothing of thissortis
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Fig. 2. Domain structure of the 0.3-mm-thick disk magne-
tized at an angle of 90° to the [001] axis:. (a) demagnetized
state, (b) state with B, = 0.66 T, and (c) state with B, =
1.02T.

observed. This means that (see, e.g., [1, 10]) the elec-
trodynamics of ferromagnets must take into account the
DS dynamics in variable magnetic fields. It is because
of this dynamics that the dependence P(B,,) becomes
more complicated than linear. The decrease in the
losses after a maximum in the curve P(B,,) may be
related to the fact [12] that the wall motion takes place
only in part of the crystal at a high induction. Regions
appear where magnetization reversal is observed. The
specific (and hence, integral) contribution from these
regions to the total losses is much smaller than the con-
tribution from the regions with DS reconstruction. It is
natural to assume that the higher B, the larger the vol-
ume of magnetization reversal regions, and so the
losses will decrease with increasing B,,,. Nevertheless,
the DS dynamics goes on contributing significantly to
thelosseseven at B, =2 T. Asfollowsfrom Fig. 1, P =
2.25WI/kg (for d = 0.25 mm) in this case. If, however,
the DS dynamics is not included explicitly, the well-
known formula[17]

_ L(mdfBy)”

P =
6 ppec?
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Fig. 3. RMR losses P, vs. specimen thickness d for B, =
(@ 1.0and (b) 1.7 T and B = (1) 1.5° and (2) O.

(where p is the density of the material, pg isthe resis-
tivity, and c isthe speed of light) yields P = 0.48 W/kg,
all other specimen parameters being the same.

Such a discrepancy is impossible to explain even if
the hysteresis losses estimated above are taken into
account.

L et us enlarge upon the shift of the maximum in the
P(B,,) dependence as the specimen gets thinner. It will
be remembered first of all that, as the crystal gets thin-
ner, the hysteresis component of magnetic losses grows
[14]. This means that thinning of the crystal places
obstacles in the motion of domain walls and in recon-
figuration of the DS as a whole. Therefore, for the
induction in the specimen to reach a certain level with
a fixed magnetic field, an additional magnetization
reversal mechanism must come into play. Such may be
the process of magnetization rotation. Thus, the thinner
the specimen, the earlier the rotation process has an
effect, indicating (see above) that the induction at
which the losses are minimal shifts toward lower val-
ues. One more important point needs to be made. We
assume that the difficulties associated with DS recon-
figuration are related not to defects but to internal fac-
tors, i.e., specific domain structures that may reconfig-
ure only by overcoming an energy barrier.

TIUNOV, FILIPPOV

Now let us trace how magnetic losses in the single
crystals vary with thickness. Figure 3a plots these
dependences for a moderate induction, B, = 1.0 T. As
the specimens from both groups get thinner, the losses
first decrease monotonically, reaching a minimum at
thicknesses of 0.15-0.18 mm, and then grow. It is easy
to seethat thelossesin the specimenswith 3 = 0 exceed
those in the specimens with 3 = 1.5° throughout the
thickness range.

At B, =1.7T (Fig. 3b), therun of theloss curvesis
in many ways similar to the case B,, = 0.1 T. As above,
the losses in the specimens of both groups first
decrease, become minima near 0.15 mm, and then
grow. However, unlike Fig. 3a, the losses differ not
throughout the thickness range but only at the initial
thickness. In fact, at d = 0.4 mm, the difference is the
greatest, 25-30%. As d decreases, the curves approach
together and, at d = 0.30 mm, the losses in the speci-
mens of both groups coincide (within the measurement
error).

Interestingly, the thickness of the single crystals at
which the losses in rotating fields are minimal is 1.5—
2.0 times larger than that when the Fe-3 wt% Si single
crystals are switched by an alternating field. Such adif-
ference in the specimen thickness seemsto be the result
of different hysteresis|osses when magnetization rever-
sal takes place in linearly polarized and rotating mag-
netic fields. It was shown, in particular [4], that, when
magnetization reversal occurs in a linearly polarized
field, the thickness corresponding to minimal magnetic
losses increases (decreases) with increasing (decreas-
ing) hysteresis component. With this in mind and also
taking into account that hysteresis losses observed
when the specimens is magnetically switched in rotat-
ing fieldsare higher than thosein aternating fields[ 18],
one can assume that the difference between the mini-
mal-lossthicknessesisreally associated with the differ-
encein hysteresis losses.

Thus, as the Fe-3 wt%Si specimens get thinner, the
d dependence of the losses in rotating, as well as in
alternating, magnetic fields is nonmonotone: the curves
first decrease, reaching a minimum at d = 0.15 mm, and
then grow. Even aslight misorientation of the specimen
plane about the [001] axis changes the d dependence of
magnetic | osses.

Let us discuss the thickness dependence of the
losses (Fig. 3). It is known [14] that thinning of
Fe-3 wt%Si specimensis accompanied by arisein the
hysteresis component of RMR losses. Then, one can
argue (Fig. 3) that thetotal lossesin the thicknessrange
0.15-0.40 mm decline owing to a decrease in the eddy
current component alone. The decrease in this compo-
nent islikely to be associated with the specific behavior
of the domain structure in the specimens. Its dynamics
in rotating magnetic fields was studied in [11, 19]. For
example, it was demonstrated [19] that, when the
induction is not too high (B < 1.2 T), magnetization
reversal in Fe-3 wt%Si specimens proceeds largely
2005
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through the motion of 180° domain walls in the strip
DS, the number of the wall remaining constant during
amagnetization reversal cycle. In this case, the contri-
bution from the closure DS to the magnetization is
insignificant.

Based on the aforesaid, let us estimate the eddy cur-
rent losses at B,,, = 1.0 T. Assuming that magnetization
reversal at such B, is accomplished by uniform dis-
placement of flat 180° walls, we find, according to [7],

that eddy current losses P, are proportional to Ld B; f2,

where L is the width of basic domains. In our case, of
importance is the fact that |osses P, are proportional to
the thickness of the specimen. According to [7], L may
also depend on d. However, in the crystallites under
study, this dependenceisvery weak and can beignored.
Therefore, the amount of eddy current losses is bound
to vary in proportion to d. Unfortunately, our loss-mea-
suring technique cannot discriminate between eddy-
current and hysteresis |oss components. Asfor the total
losses, it follows from Fig. 1 that, when the crysta
thickness decreases from 0.4 and 0.2 mm (i.e., two-
fold), the total RMR losses measured change by afac-
tor of 1.5. It then becomes clear that, up to the mini-
mum, the eddy current component prevails in the d
dependence of the RMR losses. The observed deviation
of this dependence from linearity can be explained by a
contribution from the hysteresis component, which is
known [11] to grow as the specimen gets thinner. This
growth may explain the increase in the total losses in
the specimens less than 0.15 mm thick.

Note that, in [19], the motion velocities of 180°
domain walls in Fe-3 wt%Si single crystals during
magnetization reversal cycles in rotating fields were
measured. From these velocities, the induction depen-
dence of the eddy current component was estimated in
the range 0.5-1.2 T. The estimated and measured
induction dependences turned out to be in satisfactory
guantitative agreement. This corroborates the earlier
supposition that the displacement of 180° domain walls
inthe strip DSisthe major source of magnetic lossesin
rotating fields at moderate induction values (1.0-1.2 T
or lower).

To reveal specific features of the DS dynamics that
are responsible for a reduction of the losses with
decreasing specimen thickness at high induction ampli-
tudes (Fig. 2b) isamuch more challenging task. Thisis
because magnetization reversal in rotating fields at such
amplitudes proceeds solely through the displacement of
the walls of the closure DS [12]. Strip domains do not
emerge on the specimen surface throughout a reversal
cycle. In addition, the sizes of domains in the closure
DSvary considerably at different sites of the specimen
because of the nonuniformity of their internal fields. In
light of this, the contribution of the closure DS to mag-
netic losses can be estimated by visualizing its dynam-
ics on the entire specimen surface. In our case, this
seemsinfeasible in view of the large dimensions of the
specimens studied.
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Yet, based on the results obtained in [20], let ustry
to explain the variation of the magnetic losses that is
demonstrated in Fig. 3b. Theoretical analysis per-
formed in [20] showed that, as Fe-3 wt%Si specimens
with the[001] axislying in the specimen plane get thin-
ner, the domains forming the fine structure of the clo-
sure regions narrow. This causes the closure domains,
aswell astheir related sizes of the basic strip structure,
to diminish. Therefore, the reduction of magnetic losses
at high inductions may be associated with adecreasein
the mean size of the domains in the closure DS when
the specimens become thinner. The subsequent growth
of the lossesis due, as before, to arise in the hysteresis
component, which accounts for more than half of the
total losses at thicknesses below 0.15 mm. Finally, let
us see why the losses differ in the specimens with dif-
ferent orientations of the [001] axis. Asis known [6],
the misorientation of the magnetization relative to the
specimen plane by small angle 3 causes alarge number
of droplike domains to emerge on the surface. Upon
magnetization reversal, some of them penetrate into
new strip domains and decrease the mean width of the
aready existing strip domain structure. This, in turn,
diminishes the eddy current component and, accord-
ingly, the total magnetic losses in the specimen. Using
the sameline of reasoning, we can also explain why the
losses in the specimens with 3 = 1.5° are higher than in
those with B = 0 (Fig. 3a). A similar relationship
between the loss componentsin specimens comparable
in sizeisobserved when the induction is high (Fig. 3b).
In this case, aswas noted above, magnetization reversal
is associated only with the displacement of the walls of
the closure DS. One may therefore suppose that misori-
entation of the magnetization ([001] axis) relativeto the
specimen surface shrinks not only strip domains but
also domains in the closure DS.

It has been already noted that the difference between
magnetic lossesin the specimenswith the variously ori-
ented [001] axis decreases as the specimens become
thinner. A reason may be a nontrivia variation of the
domain width when the specimens with B = 1.5° are
thinned. In experiments [3] with single crystals with
B> 0, it was conjectured that, as the thickness of the
crystal dropsto avaluelessthan the strip domain width,
the domain width is governed by magnetostatic poles
on opposite faces of the specimen rather than by mag-
netoelastic interaction at the end faces that are normal
to the magnetization projections onto the specimen sur-
face. In this case, the basic strip DS naturally shrinks.
Such a variation of the DS sizes was observed in [4]
during dynamic magnetization reversal in Fe-3 wt%Si
with 3 = 1°. The aforesaid |eads us to conclude that, as
the specimens in Fig. 3 become thinner, the difference
between magnetic losses diminishes because of a
decrease in the DS “dispersion” (and, hence, in the
eddy-current losses) in the specimen with 3 = 1.5°.
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CONCLUSIONS

Thus, we have ascertained how RMR losses depend
on the thickness of the Fe-3 wt%Si specimen, misori-
entation of its surface relative to the (110) plane, and
induction amplitude. It has been found that total losses
P depend on induction amplitude B,,, honmonotonically
in a wide specimen thickness range (0.08-0.40 mm)
and that the minimum of the curve P(B,,,) shiftstoward
lower B, as the specimens are thinned. Specifically, as
they become thinner, RMR losses first decline, reach-
ing aminimum at 0.15 mm, and then grow. In the min-
imum, the total losses are, on average, 30-50% lower
than at theinitial thickness. The minimal-lossthickness
under RMRis1.5-2.0 times|arger than the correspond-
ing value under magnetization reversal in a linearly
polarized field.

A small deviation of the crystal surface relative to
the (110) plane (B is roughly equal to 1.5°) resultsin a
substantial decrease in the magnetic losses compared
with thelossesin the specimenswith 3 = 0. The amount
of decreaseisthe most significant (by about 25%) inthe
thickest specimens and monotonically declines with
decreasing specimen thickness.

It has been demonstrated that the data on RMR
losses can be explained by considering the DS dynam-
ics.
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Abstract—The compositions of higher fullerenes produced by ablation of various carboniferous materials are
experimentally studied. The yield of fullerenes versus the type of carboniferous materials and laser radiation

parameters is found. © 2005 Pleiades Publishing, Inc.

INTRODUCTION

The production of pure fullerenes is known to be
based on their extraction with organic solvents from
fullerene soot prepared by laser ablation [1] or using an
electric arc [2]. According to the publications, the yield
of the most abundant fullerenes (Cg, and C,,) from
fullerene soot is less than 15% and the yield of heavier
fullerenes up to Cg, does not exceed a few fractions of
a percent.

The low yield of higher fullerenes makes them
extremely expensive, which to a great extent prevents
insight into the properties of these molecules. However,
interest in these materials is continuously growing,
especialy in light of their potential use in large
endocomplexes. Such complexes are expected to con-
tain not only individual atoms but also moleculesinside
the cavities of higher fullerenes, which will substan-
tialy extend the application of fullerenes in various
fields of science and technology.

An important factor that is responsible for such a
low yield of higher fullerenes is their content in
fullerene soot. In this work, we study the formation of
higher and giant fullerenes by laser ablation versus the
parameters of laser radiation and the type of carbonif-
erous materials.

EXPERIMENTAL

We developed a technique based on detection of
positive ions that form during the laser ablation of car-
boniferous materials by time-of-flight (TOF) mass
spectrometry. The experimental setup consisted of a
TOF mass spectrometer with an ion source generating
alaser plasma. Asaradiation source, we used atunable
dye laser pumped by a pulsed excimer laser. Two wave-
length ranges, 480-520 and 240-260 nm, were used.
The laser pulse duration was 15 ns, and the pulse repe-

tition rate was 1 Hz. The radiation was focused on the
sample placed at the axis of the mass spectrometer. The
diameter of alaser spot on the sample was 0.1 mm, and
the radiation power density was 10°-107 W/cn?. The
samples were prepared from powdered carboniferous
materials by their sedimentation in an alcohol solution
onto ametallic substrate. They were first degassed in a
low-pressure chamber and then placed in an ultrahigh-
vacuum chamber by means of a manipulator. The num-
ber of laser pulses depended on the signal-to-noise
ratio. A pulsed voltage injected ionic ablation products
into the drift chamber of the mass spectrometer, whose
resolution alowed us to reliably record neighboring
fullereneions (Cyy, Coniy)-

Along with routine recording of the mass spectra of
ablation products, we used the TOF technique to ana-
lyze the ionic composition of the ablation products at
each stage of laser plasma formation. This technique
consists in recording laser plasma ions within short
timeintervals delayed relative to alaser pulse. By vary-
ing the delay time and recording time interval, one can
obtain additional information on the ion formation pro-
cess. As applied to materias that initially contain car-
bon aggregates, thistechniqueis of specia importance,
sinceit can detect those fullereneionsin the mass spec-
trum forming during clustering of ionsfrom initial mol-
ecules and/or their fragments.

RESULTS AND DISCUSSION

As noted above, from the mass spectra of positive
ions that appear as aresult of the laser ablation of car-
boniferous materials, one can reveal the dependence of
the fullerene composition on the type of the material. In
thiswork, we studied various types of graphites; carbon
and fullerene soots; carbon sorbents; and nanoporous
carbon materials produced from boron, silicon, or tita-
nium carbides.

1063-7842/05/5010-1301$26.00 © 2005 Pleiades Publishing, Inc.
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Fig. 1. Mass spectra of (a) graphite and (b) fullerene soot.

The results indicate that higher fullerenes are diffi-
cult to prepare from these materias, except for
fullerene soot; in some cases, we could obtain the most
abundant Cg, and C, fullerenes and a minor amount of
fullerenes having a mass of C,g, or less. The carbonif-
erous material most promising for preparing higher
fullerenes turned out to be fullerene soot, whose abla-
tion products contained higher fullerenes with up to
500 carbon atoms. To compare the yield of higher
fullerenes from different materias, Fig. 1 shows the
mass spectra of graphite and fullerene soot taken at the
same parameters of laser radiation. The graphite spec-
trum exhibits only small C,—C,; carbon clusters, the
structures of which do not correspond to fullereneions.
At the same time, the ionic composition of the laser
plasma of the fullerene soot consists mainly of
fullerene ions with the characteristic distribution
including giant fullerenes. It is interesting that, as the
number of laser pulses per irradiation area increases,
heavy ions gradually disappear from the spectrum of
fullerene soot and the mass spectrum becomes similar
to that of the graphite sample (Fig. 2). In other words,
increasing the number of laser actions on the fullerene
soot causes its graphitization. The yield of higher
fullerenes from the soot indicates that the initial prod-
uct contains carbon compounds, which transform
readily into higher fullerenes during radiation.

It was shown [3, 4] that initially fullerene soot
exhibits a variety of carbon structures. from small car-
bon flakesto giant carbon clusters. Attemptsto separate
these clusters with active solvents revealed the
fullerene nature of their crystal structure. In [4], sepa
rated clusterswere analyzed by mass spectrometry with
laser desorption and ionization and the extraction prod-
uctswere found to contain awide spectrum of fullerene
moleculesfrom Cg to Cyy6. However, theinterpretation
of these data seems to be doubtful, because molecular
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Fig. 2. Mass spectra of fullerene soot after (a) the first
5 laser shots, (b) 50 shots, and (c) 70 shots.

ions of higher fullerenes might be synthesized during
the laser ablation of the extraction products.

Our next goal was to clarify the dependence of the
ablation product composition on the type of fullerene
soot. Figures 3 and 4 show that the mass spectra of the
fullerene soots produced by combustion of various
graphite electrodes (Fig. 3) at different buffer gas pres-
sures in a synthesis chamber (Fig. 4). All the curves
exhibit awideion distribution up to C,,;—Csqg- It should
be noted that the recorded ions bel ong to fullerene com-
pounds, since the difference between neighboring
peaksis equal to 24 m/z. This difference, being a char-
acteristic sign of fullerene mass spectra, corresponds to
complex C, (the main building block of fullerenes),
which is lost upon treatment [5-7]. The extents and
forms of the distributions shown in Figs. 3 and 4 indi-
cate that, first, the synthesis conditions influence the
soot composition and, second, some types of soot are
more favorable for producing higher fullerenes by laser
ablation.

To additionally support the efficiency of fullerene
soot as a starting material to form fullerenesin a laser
plasma, we analyzed the dependence of the fullerene
yield on the number of laser pulses. The results demon-
strate that ablation leads to deposition of the laser
plasma products on the sample surface, and so the
fullerene ions result from interaction of laser radiation
with the surface covered by carbon compounds (depos-
ited previously) rather than with the initial surface [1].
This situation shows up most vividly in ablation of
graphite, where higher fullerenes cannot be produced
by asingle laser shot. These data confirm the efficiency
of using fullerene soot, whose nature is similar to that
of deposits due to graphite ablation [1, 8-10].

Thus, our results demonstrate that the carboniferous
material most promising for the production of higher
fullerenes is fullerene soot, whose ablation products
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Fig. 3. Mass spectra of fullerene soot for various graphites.

contain higher fullerenes consisting of up to 500 carbon
atoms. In the other products, higher fullerenes were
extremely difficult to detect; in some cases, we man-
aged to obtain ordinary Cg, and C,, fullerenes and a
small amount of fullerenes having a mass of Cyg, at
most.

When studying the formation efficiency of positive
ions of higher fullerenes, we used the fullerene soots
providing a maximum yield of higher fullerenes. To
find the dependence of the formation efficiency of these
compounds on the irradiation conditions, we varied the
radiation wavelength and power and studied the ionic
composition at different stages of laser plasma devel op-
ment.

Sincethe dye laser could operate in two wavelength
ranges (240-260 and 480-520 nm), we analyzed the
spectral dependence of the fullerene yield in the near
ultraviolet and visible ranges by varying the power den-
sity of the radiation from 10° to 10" W/cm?.

Our results show that coal escence, which is respon-
sible for the formation of higher fullerenes, goesin par-
alel with fragmentation, which results in degradation
of fullerene compounds and increases the fraction of
small carbon clusters. The same dependence is aso
observed for a radiation power density higher than
108 W/cm? irrespective of the wavelength. Such behav-
ior indicates that, as the laser plasma temperature
exceeds a certain threshold, the initia carbon com-
pounds decompose into atoms and tiny clusters, which
form linear or planar configurations rather than bulk
fullerene compounds upon subsequent coalescence. It
should be noted that a plasma overheat due to visible
radiation is likely to be due to radiation absorption in
the surface layer of the sample, where the concentration
of evaporated carbon particles, which are responsible
for the formation of higher fullerenes, is maximum.

To see how the plasma temperature influences the
yield of fullereneions, we studied the mass spectrum of
TECHNICAL PHYSICS Vol. 50

No. 10 2005

1303

Intensity, arb. units
Ceo

1400 -
1200 |
1000 | (a)
800 | |
600
400
200

(b)

©

1 1 1 1 1 1
0 1000 2000 3000 4000 5000 6000 7000
Mass, m/z

Fig. 4. Mass spectra of fullerene soot at a helium pressure
of (a) 100, (b) 400, and (c) 500 Torr.

the fullerene soot at each stage of laser plasma devel op-
ment. Figure 5 shows the evolution of the mass spec-
trum of ions coming to the detector at different time
instants after the laser pulseisincident on the fullerene
soot. As is seen, the distribution substantially depends
on the stage of plasma development. At the early stage,
characterized by the fastest ions, it consists of two
broad componentswith greatly differing masses. Asthe
plasma develops, these distribution components first
broaden and shift toward higher masses and then the
double-humped distribution changes to one broad dis-
tribution.

Such an evolution of the mass spectrum can be
explained by clustering of fullerene ions early in
plasma devel opment, when the concentration of initial
ions (region A) still suffices to form heavier fullerene
ions (region B). The same velacities of particles greatly
differing in mass can be explained only by clustering
and gasdynamic acceleration of the clusters; otherwise,

Intensity, arb. units
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Fig. 5. Mass spectra of fullerene soot as a function of the
delay time between the laser pulse and injection voltage:
(a) 5, (b) 10, (c) 15, (d) 20, and (€) 40 ps.
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the particles would have velocities inversely propor-
tiona to the square root of their masses[11]. A similar
explanation for the formation of giant fullereneionsis
given in [12], where these ions were the products of
graphite ablation.

However, the origin of the fullerene ions with
smaller masses (region A) remains unclear. They may
be formed by laser ionization of the corresponding mol-
ecules if they are present in the fullerene soot or
through clustering of till lighter ions appearing when
graphite flakes in the soot vaporize.

CONCLUSIONS

The material most promising for the formation of
higher fullerenes by pulsed laser ablation seems to be
fullerene soot. The maximal effect is reached when
ultraviolet radiation of power less than 10° W/cm? is
used. It should be emphasized that, with graphite used
as a starting material at the same ultraviolet radiation
power, the mass spectra contain only small C—C,; car-
bon clusters. The yield of fullerene compounds
depends on the stage of laser plasma development. The
processes responsible for coalescence and fragmenta-
tion are qualitatively outlined.

Our data make it possible to find laser radiation
parameters providing a maximal yield of higher
fullerenes.
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Abstract—An equation in the Gilbert form that describes the motion of the magnetization vector in intense
high-frequency magnetic fields is solved numerically. The solution obtained is used to study switching of the
magnetization of asingle-domain ferromagnetic particle that has the shape of an ellipsoid of revolution and pos-
sesses cubic anisotropy from the position parallel to an easy axisto the position normal to this axis. The ranges
of amplitudes and frequencies of the magnetic field where magnetization switching is observed are determined.
An expression for the response of an ensemble of variously oriented particlesis derived. It is shown that a par-
ticle ensemble generated by an rf field may serve as adata carrier on which information iswritten and read out
by means of nonlinear and linear ferromagnetic resonances. © 2005 Pleiades Publishing, Inc.

INTRODUCTION

An ensemble of unrelated oriented single-domain
ferromagnetic particles can be viewed as an alternative
medium for nonvolatile storage devices [1-3]. Data
readout from such an ensembleimpliesits excitation by
a low-power pulse of a variable magnetic field at the
ferromagnetic resonance (FMR) frequency. Informa-
tion is read out by scanning the variable field fre-
guency: aresponse at a certain frequency corresponds
to logic unity; its absence, to logic zero [4, 5]. For data
writing using a pulsed high-frequency field, the magne-
tization vector in the particle must be switched from the
position parallel to an easy axis to the position normal
tothisaxis[2, 3].

To date, the problem of switching at resonant fre-
quencies has been poorly explored experimentally; so,
the only way to tackle this problem today is theoretical
analysisand numerical simulation of the magnetization
behavior in a single-domain particle placed in various
fields. In our previous work [2], a solution method for
this problem in the case of spherical particles was out-
lined. In this work, the problem of magnetization
switching in single-domain particles is extended to the
case of particlesintheform of an ellipsoid of revolution
subjected to an intense pulsed high-frequency field and
an expression for the electromagnetic response from an
ensemble of varioudly oriented particlesis derived.

EQUATION OF MOTION OF MAGNETIZATION
VECTOR

Consider the behavior of magnetization vector M of
one particle. We assume that the particles are indepen-
dent (uncoupled) and have the form of an oblate ellip-
soid of revolution whose axis coincides with one of

crystallographic axes. The magnetic energy density of
the particle is represented as a sum of the cubic anisot-
ropy energy density, demagnetizing field energy den-
sity, and Zeeman energy density (the energy density of
the magnetic moment of the particle in a variable mag-
netic field) [6],

U(m) = Ky(mymy +mjm; + mym;) "
+ K mmim’ + 2nM NM —M [H_.
Here, K; > 0 and K, < 0 are the first and second con-
stants of cubic anisotropy, respectively; H_. = hsin(wt)
is the external magnetic field with frequency w; m =
M/M, is the direction cosine vector of magnetization

M, Mo = [M|; and N = diag(N,, N,, N,) is the diagonal
tensor of demagnetizing factors of the ellipsoid, where
N, = N, < N,. Coordinate axes Ox, Oy, and Oz are
directed along the crystallographic axes [100], [010],
and [001] of the particle.

Inthe absence of an external field, the magnetization
vector isin either of two stable positions, which corre-
spond to aminimum of energy: it runs parallel to either
axis Ox or Oy. Upon change of variables, the equation
of motion of magnetization vector in the Gilbert form
can berecast as[2]

= _[mngf]+a[mx(;TT] (2

dm

dt*
where a is a dimensionless damping parameter; HY; =
—-o0U*/dm is the reduced effective magnetic field acting
on the magnetic moment (U*(m) = U(m)/2K; is the
reduced free energy density); t* = t22yK,/M, is the
reduced time; w* = wMy/2yK; isthe reduced frequency;

1063-7842/05/5010-1305$26.00 © 2005 Pleiades Publishing, Inc.
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Fig. 1. Component m, vs. reduced time t* and variablefield
frequency w*: (a) spherical particle at a = 0.01, w}g =
0.9999, and h* = 0.09; (b) spherical particleat o = 1, Wi =
0.5, and h* = 0.33; and (c) disk-shaped particleat a = 0.01,
wr =6.35and h* =0.1.

h* =hMy/2K; and h* are, respectively, the reduced vec-
tor and magnitude of the variable magnetic field; and
y isthe gyromagnetic ratio.

In the spherical coordinate system such that the azi-
muth axis is aligned with axis Oz and the polar axisis

KOTOV, NOSOV

aligned with axis Ox, Eq. (2) takesthe form

Lde 1 oU* a QuU*

O = - -

dt* snB(a?+1) 00 g®+1 06 -
2de _ 1 au*  a  aur
S0t sng(a’+1) 99 snfe(a’+1) 99

where 8 and ¢ are the azimuth and polar angles.

NUMERICAL ANALY SIS AND DISCUSSION
OF RESULTS

We assume that, prior to switching of a variable
magnetic field aligned with the Ox axis, magnetization
vector M is directed along the Oy axis. Equation (3)
was solved by the Runge—Kutta methods of orders four
and five [7]. In calculation, the time of action of the
variable field and the observation time were taken to be
(in terms of the reduced time) ™ = 20/a and At* =
1.51*, respectively. Also, we put K,/K; = -0.16 and

M2 /K, = 6.25. The numerical solution of set (3) shows

(Fig. 1) that, asamplitude h* of the variablefield grows,
oscillating magnetization vector M deviates from the
stable equilibrium position, passes through the unstable
equilibrium position, and switches to another stable
equilibrium position that is normal to the initial stable
position. Such behavior is of resonant character. The
magnetization vector switches in a certain band of
reduced frequencies Aw*, which we call the switching
band. The extent of this band depends on reduced vari-
ablefield amplitude h*, dimensionless damping param-
eter o, and shape of the particle. If a minimal value of
h* (with a field frequency fixed), h%,,, at which M
rotates by 172 is taken for the switching threshold, then

*

resonant switching at hy,;, takes place at frequencies

closeto reduced FMR frequency wy of an oblateellip-
soid of revolution,

W = W (05)7 = (wF)’, (4

) H+ ZH%(NZ— NoH

Wy T o
+a
, ©)
M2N,— N,y
(A)* - 1
' 1+a? '

where wy isthereduced precession eigenfrequency (or

Kittel frequency) of the ellipsoid and w} isthe reduced
relaxation frequency [3].

For spherical particles, the switching band always
lies below the reduced FMR frequency, the separation
TECHNICAL PHYSICS Vol. 50
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increasing with damping parameter (Figs. 1la and 1b).
For disk-shaped particles, the switching band includes
the reduced frequency of linear FMR at the same
reduced field amplitude (Fig. 1c). This is because the
demagnetizing field in our system is severa times
higher than the anisotropy field, and so the first har-
monic, which is embodied in linear FMR in isotropic
disks (uniform precession in the plane of the disk under
alow anisotropy field) prevailsin magnetization vector
oscillation. The higher h*, the wider the switching band
for spherical particles and the larger damping parame-
ter a, the narrower the switching band at a fixed vari-
able field amplitude. Also, with increasing damping
parameter, the switching band shifts toward lower fre-
quencies, moving away from the linear FMR frequency
(Fig. 2). When the variable field amplitude is very high
(h* > hy,), magnetization vector M behavesin aran-
dom manner. In this case, the variable field causes the
magnetization to switch in the directions normal, anti-
paralel, and parald to its initial position. The run of
the frequency dependence of the switching threshold is
the same for al oblate ellipsoids of revolution: the
curve “expands’ as the semiaxis of revolution
decreases (Fig. 3).

ELECTROMAGNETIC RESPONSE
FROM A SINGLE-DOMAIN FERROMAGNETIC
PARTICLE

The response will be described using modified Gil-
bert equation (2) as the equation of motion. Let a parti-

cle be subjected to alternating magnetic field H* (t*) =
h*exp(iow*t*). For h* < HY;, asolution to (2) will be
sought in the form

m(t*) = mgy+ myexp(iw*t*) ©)

+ M, exp((07 +iwie)t),

where m, is the component of vector m in the stable
equilibrium position in the absence of the magnetic

field (in the presence of the field, m, || H% (Mmy)).

Let the magnetic field be aligned with the Ox axis
and the orientations of the particle magnetization along
the Ox and Oy axes be designated as positions a and b.
Then, for position a, h* ||mg, my x h* =0, and the solu-
tion to Eq. (2) is m = m,. For position b, the sets of
equations for the components of vectors m, (m,, = 0)
and m, (m,, = 0) have the form (accurate to the second
order of smallnessin m; and m.)

| MS . ]
%iw*mlx—%HMTéR—l(Nz—Ny) + |(A)*0(Dm1Z = 0(7)

E(l+ioo*a)m1x+ iw*m, = A*,
2005
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parameter for spherical particles.
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AL+ a(@f +i6))my, + (0 +iwi)my, = 0.
From set (8), one can find the resonant and relax-

ation frequencies appearing in (6). A solution to set (7)
can be represented in the form

Ernlx = h* l+1:(w332§1+aj)2++i(20i*i :

: (1+0)((}) _—(:o 2 g
- W .

I T L 0 ()= (@) + 2l ")
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Fig. 4. Frequency dependence of the relative amplitude of
the response from 1000 particles half of which arein state a
and the other half, in state b. a = 0.01.

Response E (in volts) from one particle, which is
proportional to the rate of change of the magnetic
moment, is sensed by an induction coil whose axis is
directed along the Oz axis of the laboratory frame of
reference [4],

dm
E = _quO_ZVn, (10)
dt
where g, = 41t x 10~ H/misthe magnetic constant, Vis

the particle volume, and n is the number of turns per
unit length.

From solution (9), one can abtain the steady-state
response amplitude per particle as a function of the
reduced frequency,

1
U(w*) =
(*) 7o
MoMoh* Vnw* (11)

X

(Y = (@) + (et ot)

Asfollows from (6), the relaxation time of the par-
ticle magnetization, T, = 21w, ~ Y/a (which coincides
with the time of excitation of particle magnetization
oscillation), depends on damping parameter o. From
(11), we seethat the response of the particle is maximal

at reduced FMR frequency wi, andisAw* ~ ) wide.

RESPONSE OF A PARTICLE ENSEMBLE
TO A FIELD PULSE

Consider now the response from a particle ensemble
excited by a variable field. We assume that the basic
crystallographic axes are parallel to and the axes of rev-
olution of al particles are directed along the Oz axis of
the laboratory frame of reference. Then, we have the

KOTOV, NOSOV

unique coordinate system for all the particles. Let the
magnetizations of the particles be aligned with the Oy
axis and h || Ox Then, after the ensemble has been
exposed to an intense pulsed high-frequency field,
some of the particles whose switching bands contain
the variable field frequency switch to the position par-
ald to the Ox axis (write event). Switching of magne-
tization M can be detected from a change in the el ectro-
magnetic response of the particles exposed to a small-
amplitude variable field with a frequency close to the
write frequency. Response E from the entire ensemble
of independent particles, which is detected by the cail,
equals the sum of partial responses E, (see (10)) [1, 8],

E = ZEK. (12)

For fine particles, aspread in sizes (volumes) iscon-
sidered to be Gaussian in accordance with experimental
data [4, 8]. We also assume that the particle shape dis-
tribution provides the uniform distribution of the
demagnetizing factor along the axis of revolutionin the
interval N, O [1/3, 1]. When the particlesin the ensem-
ble are oriented randomly, i.e., when the number of par-
ticlesin statesa and b isthe same, the response fromthe
ensemble will show several discrete peaks against the
diffuse background, the density of the peaks depending
on the number of particles in the ensemble (Fig. 4). If
all particles the resonant frequencies of which fall into
a certain interval are in state a, while the remaining
ones are in state b, the spectrum will exhibit adip near
this frequency interval and the depth of this dip will
depend on damping parameter o (Figs. 5a and 5b).
Hence, the dip will characterize the amount of particles
with adefinite direction of the magnetization vector. Its
presence may be used for reading-out of information
written by intense pulses of the variable field.

FMR-BASED WRITING/READING
FEASIBILITY

As was dready noted, when the magnetization of
the particles is aligned with or normal to the variable
field, the response is, respectively, high and low.
Accordingly, from the amount of response, one can
judge the particle magnetization orientation distribu-
tion. The data currently available suggest the feasibility
of adatacarrier based on the frequency writing/reading
mechanism[1, 4, 5, 9]. Unlike the mechanism proposed
in [4, 5, 9], where information is written by means of
two rf pulses, here one pulse is used, which cuts the
write time by more than one order of magnitude. Infor-
mation is stored by some of the particles whose magne-
tization is parallel to the field and whose resonant fre-
quencies are close to each other. If the response ampli-
tude at a given frequency is below a certain level, one
can assume that the logic zero is written at this fre-
guency. In other words, this means that the magnetiza-
tions of most of the particles with closely spaced reso-
nant frequencies are collinear with a scanning weakly
2005
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Fig. 5. Frequency dependence of the relative amplitude of
the response from 1000 particles for a = (a) 0.01 and
(b) 0.001. The dotted lines depict the response from all the
particles whose magnetization runs normally to the variable
field.

varying magnetic field (Fig. 6). Otherwise (the
response exceeds a certain level at a given frequency),
one can assume that the logic unity is written. In the
simplest case of highly anisotropic particles, the writ-
ing density depends on relaxation frequency wf =
-0 Wy OF damping parameter a. The smaller the damp-
ing parameter, the higher the frequency writing density
and vice versa,

The condition of particle independence can be writ-
tenintheform of theinequality Hyy <€ Hy,, whereHyy =
VM, /d® isthefield of dipole—dipoleinteraction between
two particles d distant from each other and H,, =
2K,/M, is the anisotropy field. Hence, the mean dis-
tance between the particles must obey the relationship
d> (VM5/2K,)Y3. In our system, M3/K; = 6.25 and the
particlesare 10100 nm across (as follows from the fact
that they are single-domain [8]); therefore, d = 10°-
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Fig. 6. Frequency dependence of the relative amplitude of
the response from 1000 particles some of which arein state
a and therest of them are in state b (near reduced frequen-
ciesof 3, 4, and 5) for a = 0.01. The dotted line depicts the
response from al the particles whose magnetization runs
normally to the variable field.

104 m. Accordingly, the particle concentration is 10°—
10° cm2 and the writing density is 108-10° bit/cm? (two
to three particles per bit). As the amount of anisotropy
rises, the writing density is bound to grow as (H,,)Y2.
Thus, nonlinear and linear FMRs can be used for data
writing/reading in an ensemble of fine single-domain
particles.

CONCLUSIONS

We considered the linear and nonlinear dynamics of
magnetization in an ensemble of independent single-
domain particles subjected to high-frequency electro-
magnetic field pulses. At certain values of the pulse
amplitude and frequency, the magnetization vector of
one particle resonantly switchesto the position perpen-
dicular to its initial orientation. This phenomenon is
akin to the occurrence of nonuniform nonlinear FMR,
since the frequency dependence of the switching
threshold is similar to the frequency dependence of the
nonlinear FMR excitation threshold [10].

If the field amplitude is small, the oscillations of
magnetization vector M are based on nonlinear FMR.
In this case, the response both from one particle, if its
size exceeds a certain value [11], and from a particle
ensemble can be detected. The amount of the electro-
magnetic responseis related to the particle shape, since
its spectrum depends on the particle distribution over
resonant frequencies, which, in turn, depend on the par-
ticle shape distribution. The spectrum of theresponseis
also affected by the orientation of the magnetization
vector in the particles relative to a given axis. Numeri-
cal analysis of the solution to the equation of motion of
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magnetization vector convincingly suggests that an
ensemble of single-domain particles excited by an rf
field may be used as an information carrier where data
writing/reading is based on nonlinear/linear FMR.
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Abstract—The effect of the structural state of FesCoSi15B1g, FesnC050SisB15, and Cogq sM0g5Zrg amor-
phous alloys on their magnetic propertiesis studied under different nanocrystallization conditions. A permanent
magnetic field applied during thermomagnetic treatment is found to affect structuring in the amorphous alloys
at theinitial stage of devitrification. The fine structure of the devitrified amorphous aloysis shown to correlate
with the field shifting the hysteresis loop. A mechanism accounting for a hysteresis loop shift in amorphous

alloysisdiscussed. © 2005 Pleiades Publishing, Inc.

INTRODUCTION

The magnetic properties of soft magnetic materials
depend on their structure, the structures of domain
walls, and the domain wall stability. By modifying the
structure of ferromagnets, one can control their mag-
netic properties. Electron microscopy iswidely applied
to study the structura state of amorphous and nanoc-
rystalline aloys. Additional information on the struc-
ture of the alloys can be extracted from the key param-
etersinvolved in the Barkhausen effect [1, 2].

In this work, we studied the effect of the structura
state of Fe- and Co-based amorphous alloys on their
magnetic properties and parameters of the Barkhausen
effect under various conditions of heat treatment and
thermomagnetic treatment (TMT). Specifically, we
revealed how the annealing temperature, cooling rate,
and magnetic field frequency influence the magnetic
properties of the heat-treated alloys and found a rela
tionship between the structure of the amorphous alloys
(disperse phase precipitation) and field AH shifting a
hysteresis loop (AH is the field between the center of
the loop and the origin).

The chemical compositions of the disperse phases
were determined. Concepts concerning a mechanism
accounting for a hysteresis loop shift in the amorphous
aloys are presented.

RESULTS AND DISCUSSION

Amorphous ribbons 2025 pm thick and 5 mm wide
were produced by quenching from the melt on a rotat-
ing copper wheel. The samples had the shape of strips
and toroids. The amorphous samples had different val-
ues of magnetostriction Ag ~30 x 10 for
Fe60COZOS| 5815 and "'05 X 10_6 fOI‘ FeSCO703 15B]_0. FOF
Cog; sM0g5Zrg, A Was close to zero.

To relieve quenching-induced stresses, the samples
were vacuum-annealed at temperatures varying from
300 to 450°C. Then, they were subjected to longitudi-
nal magnetic fields of different frequencies (namely, in
a permanent field, in an ac field with f =50 Hz, and in
a high-frequency field with f = 80 kHz). Some of the
samples were subjected to complex thermomagnetic
treatment: they were annealed in a certain temperature
range and simultaneously exposed to a constant or
high-frequency magnetic field. Some of the samples
were water-quenched in an ac magnetic field starting
from the Curie temperature (the cooling rate was
50 K/min).

The structure of the amorphous ribbons was studied
under a JEM-200KX transmission electron micro-
scope. For electron microscopic analysis, the ribbons
were electrolytically thinned to foils having regions as
thin as 200-300 nm.

As a key (information-carrying) parameter of the
Barkhausen effect, we chose e ectromotive force € of
the flux of magnetization (Barkhausen) jumps averaged
over the magnetization reversal period. The flux of
magnetization jumps (MJs) was displayed on an oscil-
loscope screen, and € was measured on the strip sam-
ples by an add-on transducer [3, 4]. The toroidal sam-
pleswere used to measure static hysteresisloops, initial
permeability [y, and magnetic 10sses Pgy00000- The
magnetic losses measured at afrequency of 20 kHz and
an induction of 0.2 T were calculated from the area of
stroboscopically recorded dynamic hysteresis loops.
The initial permeability was determined at a frequency
of 80 Hz in afield of 0.05A/m. From the strip samples,
we also took static hysteresis loops.

The basic parameters of the aloys, namely, Curie
temperature T and crystallization temperature T, are
giveninTable 1. Table 2 lists the magnetic properties of

1063-7842/05/5010-1311$26.00 © 2005 Pleiades Publishing, Inc.
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Table 1. Values of T and T, for the amorphous alloys

Alloy T, °C T °C
FesCo70Si15B1g 380 480
Cogy sM0g5Zrg 462 540

the FeggC0,0SisB 15, FesC070Si15B1g, and Cog; sM0g 521
aloys after the heat and thermomechanical treatments.
Here, |, is the initial permeability, H. is the coercive
force, Py 200000 1S the magnetic losses, and B/B,,, is the
squareness ratio of a hysteresisloop.

Figure 1 shows the hysteresis loops for different
states of the Fe;Co,,Si 5B, aloy: after annealing inthe
absence of the magnetic field, after TMT in the perma-
nent magnetic field, and after TMT in the high-fre-
guency magnetic field (f = 80 kHz). After rapid quench-
ing from the melt on the rotating wheel, the sample has
a rounded symmetrical hysteresis loop. After no-field
annealing, the hysteresis loop has inflections (Fig. 1a).
After TMT in the permanent magnetic field, the loop
becomes rectangular and shifts along the field axis
(Fig. 1b). TMT inthe 80-kHz field leadsto asymmetric
rounded hysteresis|oop with aminimum coercive force
(Fig. 1c). Inthe last case, the effect is similar to that of
TMT in a rotating magnetic field. Note that water
guenching of the Fe;Co,,Si 5B, aloy from the Curie
temperature and TMT in the high-frequency magnetic
field give the same result.

Figure 2 plots shift field AH against the temperature
of TMT in the permanent field for the Fe;C0,,Si1sB1g
aloy. The annealing timewas 1 h for all the samples.

H, A/m

Fig. 1. Hysteresis loops in the FesCo74Si15B1g amorphous
aloy after (a) annealing in the absence of the magneticfield,
(b) TMT in the permanent magnetic field, and (c) TMT in
the high-frequency magnetic field.

NOSKOVA et al.

It is seen that TMT at temperatures to 250°C does
not shift the hysteresis loop. The treatment in the tem-
perature range 250-350°C dlightly shifts the loop (by
about 1-2H,). At higher TMT temperatures, the shift of
the hysteresis loop increases sharply, reaching 10—
15 H,.

Similar results were obtained for the Fe;,Co,0SisB15
and Cog; sM0g 5Zrg aloys. The experimental data indi-
cate that the shape of the hysteresis loop, magnetic
losses, and permeability of the samples depend on the
treatment conditions.

The Fe- and Co-based amorphous alloysannealed in
the absence of the field exhibit hysteresis loops of the
Perminvar type. Hysteresis loops with inflections are
associated with the stabilizing domain structure:
domain walls tend to return to their initial positions as
the applied magnetic field decreases to zero. The pres-
ence of the stabilized domain structure in the samples
anneal ed without the magnetic field can be judged from
elevated magnetic losses and low initial permeabilities.

During TMT in the 80-kHz field, magnetization
reversal in the amorphous ribbons occurs via magneti-
zation rotation. When the sample is annedled in this
field, induced anisotropy does not arise because of the
absence of a preferred orientation. The destabilization
of the domain structure that occursat TMT in the high-
frequency field resultsin rounded symmetric hysteresis
loops, low magnetic losses, alow coercive force, and a
high permeability.

The rectangular hysteresis loops shifted along the
field axis that are observed after TMT in the constant

AH, A/m

50F

251

Oe L
200 300 400

T,°C

Fig. 2. Field shifting the hysteresisloop vs. the temperature
of TMT in the permanent magnetic field for
FesCo70Si15B10-
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Fig. 3. Electron micrographs taken of amorphous
FesCo70Si15B 1 and the corresponding electron diffraction
patterns taken after TMT in the permanent field at (a) 280
and (b) 380°C.

magnetic field are likely to be related to microcrystal-
line high-coercivity precipitates in the amorphous
matrix with their magnetization directions specified by
the direction of the magnetic field during TMT. The
results of structure analysis that follow confirm this
assumption.

For the Fe;Co,,Si;15B,, amorphous aloy, it turned
out that, after TMT in the constant magnetic field at
280°C (AH is at most 1-2 H,), its matrix contains dis-
perse a-Co clusters. In dark-field images of the alloy
after thistreatment, these clusters appear as diffuse and
clear-cut spots and theinner ring in the electron diffrac-
tion pattern is smeared (Fig. 3a). After TMT in the con-
stant magnetic field at 380°C, AH equals 10-15H_. The
alloy contains disperse precipitates (<5 nm across) of
the Co,Si and Fe;Si phases (Fig. 3b), which are not
observed after annealing at a lower temperature
(280°C). Remarkably, these phases (disperse precipi-
tates) are arranged into chains.

The structure analysis suggests that the small shift
of the hysteresis|oop in the case of the Fe;C0o,,Si 5B
amorphous alloy subjected to TMT in the temperature
range 250-350°C is related mainly to the formation of

TECHNICAL PHYSICS Vol. 50

No. 10 2005

Fig. 4. Electron micrographs taken of amorphous
Cogy sM0og 5Zrg and the corresponding electron diffraction
patterns after (a) heat treatment at 300°C for 2 h and
(b) TMT in the permanent field at 450°C for 1 h.

a-Co clusters, which stabilize the domain structure.
The shift of the hysteresis loops in the samples
annealed at higher temperatures is likely to be caused
by the precipitation of disperse phases with a higher
coercive force and the magnetization direction speci-
fied by the direction of the magnetic field in the course
of TMT.

After TMT in the constant magnetic field at 400°C,
the FegCo,,SisB;5 aloy aso contains disperse (<5-nm)
Co,Si and Fe;Si precipitates. The magnetization direc-
tion in them depends on the direction of the magnetic
field in the course of treatment. Note that such a treat-
ment causes a significant shift of the hysteresis loop
(AH =10-15H,).

Figure 4 shows the electron micrographs taken of
the Cog, sM0g5Zrg aloy after heat treatment at 300°C
for 2 h (Fig. 4a) and after TMT in the constant magnetic
field at 450°C for 1 h (Fig. 4b).

It is seen that the matrix of the alloy annealed at
300°C for 2 h remains amorphous. However, along with
the first and second diffuse halos, the electron diffrac-
tion pattern contains diffraction spots and rings, the lat-
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Table 2. Magnetic properties of the amorphous alloys after different treatments

Alloy Treatment Ho He A/m Po.220000, W/Kg B,/Bn,
FesCo70Si15B 1 Annealing 4500 13 30 0.3
TMT in permanent field 5200 0.6 37 0.97
Rapid cooling in ac field 45000 04 5 0.96
FesoC0s0SisB 15 Annealing 1050 25 55 0.3
TMT in permanent field 1200 25 60 0.97
Complex TMT 7500 1.0 7 0.97
Cog; sM0g 5Zrg Annealing 1200 15 35 04
TMT in permanent field 3500 0.8 40 0.97
Rapid coaling in ac field 50000 0.3 5 0.96

ter consisting of small reflections. The dark-field image
of the alloy demonstrates crystalline phases; by inter-
planar spacings, these can be identified as a-Co and
[B-Co precipitates less than 2 nm across.

Although the aloy annealed in the constant mag-
netic field at 450°C contains the a-Co, B-Co, and
Co,(Mo,Zr) disperse phases, its aloy structure till
remains largely amorphous. The effect of a constant
magnetic field on structuring early in devitrification of
the amorphous alloy during heat treatment is of partic-
ular interest. The constant magnetic field seemsto favor
the growth of a-Co clusters and their aggregation into
linear (inside the ribbon) or 3D arrays, which originate
at the ribbon surface.

Figure 5 shows the oscillograms of the envel opes of
the MJ flux amplitudes in the metaloid-free
Cog; sM 0y 5Zrg amorphous alloy subjected to heat treat-

100

50

1
0 0.5
H,, A/cm
Fig. 5. Oscillograms of the MJ flux amplitude envel opes for

Cogy sMog 5Zrg after (1) heat treatment at 300°C for 2 hand
(2) TMT in the permanent magnetic field at 450°C for 1 h.

ment at 300°C for 2 h (curve 1) andto TMT in the con-
stant magnetic field at 450°C for 1 h (curve 2). Compar-
ing these oscillograms with the electron micrographs
taken of the Cog sM0gsZrg aloy (Fig. 4) indicates a
correlation between the alloy structure and the chosen
information-carrying parameter of the Barkhausen
effect. Specifically, the field distribution of MJsin the
Gaussian form (Fig. 5, curve 1) corresponds to the
amorphous structure, while intervals of critical start
fieldsin the oscillogram are assigned to precipitationin
the amorphous matrix (Fig. 5, curve 2).

After TMT in the constant magnetic field, the oscil-
logram of the MJ flux amplitude envelope shifts along
the field axis, in accordance with the shift of the hyster-
esis loop. The oscillogram exhibits several intervals of
critical start fields. The a-Co, -Co, and Co,(Mo,Zr)
disperse phases (with their magnetization directions
specified by the direction of the constant magnetic field
during TMT) precipitating in this aloy result in an
increase in the MJ flux amplitude and simultaneously
narrow the intervals of critical start fields.

CONCLUSIONS

A constant magnetic field applied during thermo-
magnetic treatment has been found to affect structuring
at the initial stage of devitrification of the amorphous
alloys. The fine structure of the devitrified amorphous
aloys correlates with the field shifting the hysteresis
loop. The parameters of the Barkhausen effect are
shown to correlate with the fine structure of the devitri-
fied amorphous alloys.

It is shown that magnetization reversal in the sam-
ples subjected to thermomagnetic treatment in a con-
stant magnetic field isaccomplished viaaset of magne-
tization jumps in start fields close to each other, which
resultsin an increase in the magnetic losses.

Methods that could prevent a shift of the hysteresis
loop and significantly improve the magnetic properties
of amorphous soft magnetic materials are (i) complex

TECHNICAL PHYSICS Vol. 50 No. 10 2005
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thermomagnetic treatment (the simultaneous action of
high-frequency and permanent magnetic fields) and
(i) rapid cooling starting from a temperature above the
Curie temperature at arate of 50 K/min in an ac mag-
netic field. Changes in the magnetic properties of the
aloysafter such treatments are due to the occurrence of
uniaxial magnetic anisotropy and the destabilization of
domain walls.
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Abstract—An experimental setup for studying semiconductor structures by photoreflectance spectroscopy is
designed. The double-monochromator-based optical scheme of the setup makes it possible to depress uncon-
trolled heating of the sample and diminishes a bending of the energy bands due to charge carrier photogenera-
tion. Accordingly, the photoreflectance spectra are detected with a minimal influence of the modulating and
probe radiations on the sample. With this setup, the room-temperature photoreflectance spectra from
GaA g/GaAsP superlattices are taken and the interband transition energies, aswell asapotential step in the con-
duction band of these superlattices, are measured. © 2005 Pleiades Publishing, Inc.

The techniques of modulation spectroscopy are
being widely used in studying semiconductor struc-
tures, such as quantum wells and superlattices. The
most popular are the photoreflectance and el ectroreflec-
tance methods [1], which measure the variation of
reflectance R of the sample in the presence of an elec-
tric field. In the case of photoreflectance (PR), R is
modulated by the electric field varying in the space
charge region when electron-hole pairs are generated
by a modulating laser radiation. Although the relative
variation of the reflectance under the action of the mod-
ulating radiation is small, AR/R ~ 107, it can be
recorded using synchronous detection. The PR method
is contactless and offers a high spatial locality.

PR spectra can be recorded with a monochromator
placed in front of the object (Fig. 1a) [2] or behind it
(Fig. 1b) [3]. In the former case, the radiation from
spectrometer lamp 1 (probe radiation shown with the
dashed line) passes through monochromator 2 and is
incident on the sample. The reflected beam strikes pho-
todetector 4 [2]. Modulating beam 5 is incident on the
same place on the sample asthe probe radiation. In such
a configuration, the photodetector receives both the
desired PR signal and the modulating radiation scat-
tered by the surface roughness. Therefore, the signal to
be measured may fall outside the dynamic range of
measurements in the case of synchronous detection.

In the latter case (Fig. 1b), the total radiation from
spectrometer lamp 1 and modulating radiation 5 are
incident on the sample, reflect from it, and enter the
entrance glit of monochromator 2. The monochromator
transmits only the probe radiation (dashed line), which
is then recorded by photodetector 4. In this case, the
monochromator filters out the modulating radiation
scattered by the surface roughness. However, the sam-
pleisconstantly irradiated by the entire spectrum of the

intense lamp. Thisleads to local heating of the sample,
photoexcitation of carriers, and, eventually, an uncon-
trolled bending of the energy bands.

To get rid of the disadvantagesinherent in the above
schemes, we developed a setup for recording PR spec-
trathat is based on a double monochromator (Fig. 1c).
Here, the radiation from spectrometer lamp 1 passes
through first monochromator 2 and is incident on sam-
ple 3. The modulating radiation strikesthe sample at the
same place. The reflected radiation passes through sec-
ond monochromator 2 and arrives at photodetector 4.
Such a scheme prevents sample heating, and the scat-
tered modulating radiation is filtered out by the second
monochromator. Figure 2 shows the block diagram of
the experimental setup for PR spectroscopy equipped
with an MDR-6 double monochromator (the focal
length 30 cm, the aperture ratio 1 : 6). Additiona
entrance dlit A is mounted in the second stage of the
monochromator instead of the middle dlit.

The radiation from 30-W spectrometer lamp 1 is
focused by optical system 2 on the entrance dlit of first
monochromator 3(1), passes through it, and is directed
to sample 5 by means of optical system 4. Theradiation
of He-Nelaser 10 modulated with mechanical chopper
11 isincident at the same point of the sample. The mod-
ulation frequency can be varied from 50 to 1500 Hz.
The probe radiation reflected from the sample (the
dashed line in Fig. 2) is focused by objective 6 on
entrance dlit A of second monochromator 3(11) inter-
faced with low-noise photoamplifier 7. An FDK-263
silicon photodiode connected by the zero-bias scheme
serves as the sensor of the photoamplifier. The fre-
guency response of the amplifier is optimized for the
frequency band 50-1500 Hz. The output signal of the
amplifier is applied to lock-in detector 8 of a Unipan-
232B selective nanovoltmeter. The signal from photo-

1063-7842/05/5010-1316$26.00 © 2005 Pleiades Publishing, Inc.
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() (b)

@

Fig. 1. Recording of PR spectrawith (g, b) one and (c) two monochromators: (1) spectrometer lamp, (2) monochromator, (3) sample,

(4) photodetector, and (5) modulating radiation.

diode 13 serves as a reference voltage for the lock-in
detector. Photodiode 13 detects the modulating radia-
tion from laser 10, which reflects from the sample (the
dotted line in Fig. 2). Thus, the output voltage of the
lock-in detector is proportional to the variation of
reflectance R at the modulation frequency. The aper-
tures of optical systems 2, 4, and 6 are matched with the
aperture of the monochromator. To control the positions
of the monochromator gratings and to measure the PR
signal, we used PC 9 with an RS-232 interface and an
origina interface unit [4] based on an Amtel 89c51
microcontroller. The spectral width of the monochro-
mator’sinstrument function was 1 meV. The PR spectra
were recorded at room temperature.

Figures 3a and 3b show the PR spectra of a
GaAs/GaAsP superlattice that were taken using a sin-
gle (Fig. 1a) and double (Fig. 1b) monochromator,
respectively. The spectral lines at 1.459 and 1.903 eV
correspond to basic transitionsin the strained GaAs and
GaAs) Py .4 layers, respectively. The lines in the range
1.459-1.903 eV are assigned to interband transitionsin
the superlattice. It is seen that the PR spectra differ in
signal-to-noise ratio and shape because of a reduced
effect of the probe radiation on the samplein Fig. 3b.

To find the energies of the interband transitions, the
experimental spectrawerefitted to the Aspneslow-field
model [5],

AER(E) = Re[Ae*(E-E +)™. ()

Here, A and ¢ are the amplitude and phase parameters,
E isthe probe radiation energy, E; is the position of an
ith spectral feature, I' is a phenomenological broaden-
ing parameter, and mis a parameter depending on the
type of the critical point and on the order of the deriva-
tive of permittivity €(E) with respect to energy.

In the case under consideration, m = 2 [5]. The
arrows in Fig. 3b indicate the energies of interband
transitionsin the superlattice cal cul ated from the exper-
imental spectrum. Based on the simulation results for
the GaAg/GaAsP band structure and the experimental
data obtained from the PR spectra, we estimate a band
discontinuity at the heterojunction, AEJ/AE, = 0.15[6].
Here, AE, isthe difference between the energy gaps of

TECHNICAL PHYSICS Vol. 50 No. 10 2005

Fig. 2. Block diagram of the experimental setup for PR
spectroscopy: (1) spectrometer lamp, (2, 4, 6) objectives,
(3) MDR-6 double monochromator, (5) sample, (7) photo-
detector with low-noise amplifier, (8) Unipan-232B selec-
tive nanovoltmeter, (9) PC with microprocessor-based inter-
face unit, (10) He—Ne laser, (11) chopper, (12) deflecting
mirror, and (13) reference signal photodetector.

AR/R

Fig. 3. PR spectrafrom the GaAs/GaA sP superlattice taken
(a) single and (b) double monochromator. The arrows indi-
cate the interband transition energiesin the superlattice that
were determined by fitting sum (1) of Aspnes expressionsto
the spectra.
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the barrier and well and AE, isthe conduction band dis-
continuity at the heterojunction.

Thus, we developed a computerized setup for PR
spectroscopy of semiconductor compounds. Our
approach makesit possible to suppress probe-radiation-
induced perturbing effects and, thereby, to avoid uncon-
trolled heating of the sample and bending of energy
bands due to photogeneration of carriers. The room-
temperature experiments carried out with this setup
allowed usto estimate the interband transition energies
inthe strained GaA 5/GaA sP superlattice and a potential
step at the heterojunction.
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Abstract—New findings concerning a double-pass amplifier of original design alowing for a significant
increase in the peak power of laser pulses without changing the lasing mean power and pump power are pre-
sented. A peak power of 305 kW is demonstrated at a lasing mean power of about 25 W. The physics of such
an amplifier and prospects for its application are discussed. © 2005 Pleiades Publishing, Inc.

INTRODUCTION

The creation of self-terminating laser systems with
arelatively high peak power is atopical problem for a
number of applications, such aslaser frequency conver-
sion with nonlinear crystals, dye laser pumping, micro-
processing of materials, etc. Earlier [1, 2], we proposed
a scheme of a multipass amplifier in order to increase
the peak power of a copper-vapor laser. The specific
design of thisamplifier makesit possibleto increasethe
peak power severafold without changing the way and
amount of energy deposition into the active medium.

The effect is reached by the multiple passage of a
sharp short laser pulse generated by a master oscillator
(MO) through the active medium of the amplifier.
Duration 1 of this pulse must be substantially shorter
than inversion lifetime 1, in the active medium of the
amplifier stage. It has been experimentally demon-
strated [ 3] that the energy taken from the active medium
by and accumulated in a short input pulse is nearly
equal to the energy acquired by along input pulse, Tps =
T, IN @ one-pass scheme, the lasing volume being
equal. Therefore, the amplitude of the short pulse is
higher than that of the long pulse by afactor of T;,/Ts
Using qualitative expressions derived in [3], one can
find optimal relationships between Tgg, Tjp, length Ly,
of the active medium of the amplifier, and delay time
Tqa Of the beam-turning unit of a copper-vapor multi-
pass amplifier. In this work, we perform experimental
verification of these expressions and refine the optical
scheme of a copper-vapor multipass amplifier with the
aim of improving the parameters of radiation.

EXPERIMENTAL

In experiments, we employed a simple (double-
pass) copper-vapor laser amplifier with counterpropa-
gating and polarization-decoupled beams (Fig. 1). The

system consists of MO 1; collimator 2; polarization
beamsplitter (Glan prism) 3; amplifier stage 4; and
beam-turning unit 5, containing quarter-wave plate 6
and plane mirror 7.

MO 1 (LT-1Cu commercial laser tube [4]) equipped
with an unstable resonator (mirrors 8 and 9) with mag-
nification M = 5 and polarizer 11 (Glan prism) gener-
ates pulses with wavelengths of 0.51 and 0.578 um at a
repetition rate of 10 kHz. The radiation is polarized
horizontally, so that electric vector E; liesin the plane
of Fig. 1. Telescopic collimator 2 consisting of two con-
cave spherical mirrors 8 and 9 magnifies the diameter
of the MO beam to 20 mm and partly suppresses its
superluminescent background, separating out (through
pinhole 10) the central part of the beam with divergence
¢i, Which is approximately five times greater than the
diffraction-limited divergence. The (input) MO radia-

J(;ut

Fig. 1. Experimenta scheme: (1) MO, (2) collimator,
(3) polarization beamsplitter, (4) amplifier stage, (5) beam-
turning unit, (6) quarter-wave phase plate, (7) plane mirror,
(8, 9) mirrors, (10) collimator pinhole, (11) MO polarizer,
(12, 13) mirrors of MO resonator, and (14, 15) mirrors of
amplifier stage.
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Fig. 2. (8) Pulsesfrom the MO built around the LT-1Cu tube
at the entrance to the amplifier (W, = 0.3 W) and (b) the
corresponding output pulses of the amplifier: (1) total
power, (2) power at awavelength of 0.51 pm, and (3) power
at awavelength of 0.578 pm.

tion power at the entrance to the amplifier stageisW,, =
0.3W, and thewidth of the pulse baseis Ty = 12-13 ns.
In several experiments, an LT-3Cu higher power com-
mercia laser tube [4] was used, which raised W, to
0.7-09 W a M = 230. In this case, duration 1y, was
about 17 ns and ¢;, was three times as large as the dif-
fraction-limited divergence.

The application of the unstable resonator incorpo-
rated into the MO, mirror collimator with spatial filter-
ing, and high-quality optical windows and mirrors,
along with the upgraded MO pump source, made it pos-
sible to decrease the divergence and increase the power
of the beam at the entrance to the amplifier stage com-
pared with early values [3] of these parameters. The
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chromatic aberrations and beam astigmatism at the
entrance to and exit from the amplifier stage were also
reduced.

Amplifier stage 4 contains a GL-201 tube with
working chamber length Ly, = 80 cm and a diameter
of 20 mm. Theinversion lifetime (measured at the base)
iS T, = 35 ns at atypica pump power of 3.0-3.2 kW
and a pulse repetition rate of 10 kHz. Horizontally
polarized beam J* entersthe active medium of amplifier
stage 4 through section A and falls on turning unit 5.
Beam J- propagating in the opposite direction acquires
orthogonal polarization (Ep). Therefore, it does not
interfere with beam J* and is removed from the system
by means of polarization beamsplitter 3.

Delay time 144 and its corresponding distance Lgq
from section B of the discharge chamber containing the
active medium of the amplifier stage to mirror 7 were
taken so asto satisfy the relationships derived in [3] for
a double-pass system at given Ty In the experiments,
ratio T;,,/Tos Was varied from 2 to 3.

Repetition-rate-averaged input power W, of ampli-
fier stage 4 and average amplified power W, ; at the out-
put of this stage were measure with an IMO-4S calo-
rimeter. Corresponding waveforms Uj(t) and Ug(t)
were detected using FEK-22spu phototubes and a sam-
pling oscilloscope with a bandwidth of 3.7 GHz. The
waveforms were related to the time axis with regard to
the delays in the optical measuring paths. For the dou-
ble-pass configuration, waveforms U;,(t) and U (1) in
section A are shown.

The results were compared with those obtained in
[3, 5] for a single-pass amplifier with the same ampli-
fier stage and pump power. In [3, 5], the MO generated
pulses of duration equal to the inversion lifetimein the
amplifier stage (about 35 ns). For the single-pass ampli-
fier, the maximal powers were W, = 23 W and U, =
136 kW.

RESULTS AND DISCUSSION

Figures 2 and 3 show waveforms U;(t) (panels (a))
of pulses from the MO and waveforms U,(t) (panels
(b)) of pulses from the double-pass amplifier for the
MOs based on the LT-1Cu and LT-3Cu tubes, respec-
tively. Either version had its own optimal length Ly
corresponding to T4y. It is seen from Fig. 3a that the
input pulse generated by the LT-3Cu-based MO is not
smooth, exhibiting three humps (T is about 17 ns). In
both cases, the output pulse of the double-pass ampli-
fier is 2-3 ns longer than the input pulse. The increase
inthe peak power isthe highest for ashort smooth pulse
with 1o = 12.5 ns. It is seen from Fig. 2b that the total
(for two wavelengths) output peak power (curve 1)
amounts to 305 kW at a mean power of 25 W (curves 2
and 3 correspond to green and yellow lines, respec-
tively). When the input pulse is generated using the LT-
3Cu tube, the maximum output peak power of the dou-
No. 10
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ble-pass amplifier is 210 kW (Fig. 3b). This vaue is
lower than that obtained in [3] (240 kW) for a smooth
input pulse with the same duration of 17 ns. This indi-
cates that the shape and steepness of the input (MO)
pulse have a significant effect on the peak power.

Note that, in both cases, the peak power of the dou-
ble-pass amplifier built around the scheme from [2] is
1.5-2.2 times higher than the peak power (136 kW) of
the conventional single-pass amplifier with the mean
radiation powers, pump powers, and lasing volumes
being equal.

It follows from the results presented that the ener-
giesextracted from the active medium in the single- and
double-pass amplifiersare virtually equal to each other.
The pulse duration at the entrance to the double-pass
amplifier remains approximately equal to the input
pulse duration and is twice as short as the superlumi-
nescence pulse duration.

Figure 4 demonstratesthe peak power of the double-
pass amplifier optimized in this parameter versus delay
time 144 and pulse duration Tty with the amplifier exci-
tation mode remaining unchanged (t;,, = 35-40 ns). It
is seen that each 1, can be assigned optimal 1,44. Com-
parison of curves 1 and 2 obtained for the smooth MO
pulses with durations of 12.5 and 17 ns, respectively,
shows that such a dependence complies with the opti-
mi zation relationships derived in [3]. For a double-pass
amplifier, these relationships are written as

2L
Tos= Tinv_%)_rdeh (1)
L
Tos2 Camp + TdeH. 2

Expression (1) was obtained under the assumption
that two passes of asingle MO pulse cover theinversion
time in the amplifier stage. Expression (2) implies that
an MO pulse completely fills the volume of the ampli-
fying medium for the inversion lifetime. For 1y and Tyqy
much shorter than those satisfying the above formulas,
an MO pulse covers the inversion time incompletely
and cannot totally fill the working volume of the ampli-
fier. Accordingly, part of the excitation energy remains
unutilized. If 144 iISmuch greater than the optimal val ue,
the trailing edge of the pulse has no time to leave the
channel beforethe inversion isterminated and the pulse
energy is partially absorbed. In both cases, the ampli-
tude of the power pulse at the exit of the double-pass
amplifier decreases. The maximain the curves depicted
in Fig. 4 correspond to an optimal value of T44. On the
other hand, when the MO generates shorter pulses, we,
in accordance to expression (2), need to decrease an
optimal vaue of 14y, as demonstrated in the experi-
ment: the maximain the curvesin Fig. 4 shift leftward.

TECHNICAL PHYSICS  Vol. 50

No. 10 2005

1321

U(@t), kW
10

0
200 ®
1
150 -
2
100
// \\‘-x’
sof ff S 5\,
' N
/’I \‘
1 1 \x
0 10 20 30

t,ns

Fig. 3. (8) Pulsesfrom the MO built around the LT-3Cu tube
at the entrance to the amplifier (W, = 0.7 W) and (b) the
corresponding output pulses of the amplifier: (1) total
power, (2) power at awavelength of 0.51 pm, and (3) power
at awavelength of 0.578 pm.

Note that the value of T, in expression (1) isto a
great extent uncertain, since this quantity depends on
the amplification dynamics and laser energy density in
the active medium of self-terminating lasers. In addi-
tion, expressions (1) and (2) ignore an increase in the
pulse duration at the exit from the amplifier. The super-
luminescence lifetime (3540 ns for the system under
study) may apparently be taken as the maximum value
of t1,,. For developed stimulated emission with an
energy density higher by one order of magnitude, one
should keep in mind more the pulse duration for a
plane-resonator laser (25-30 ns for the given experi-
mental conditions). Figure 4 supports the above state-
ment. Specifically, substituting optimal delays 14y =
8 ns(curve 1) and 1,44 = 14 ns(curve 3) into expression
(1), we obtain t;,, = 26 and =36 ns, respectively. Esti-
mation of the electromagnetic field energy density
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Fig. 4. Peak power of the amplified pulses vs. delay time
Tga a (1) Tos=12.5nsand Ugg = 5.7 kW, (2) 1g5= 17.5ns
and Ugg = 6-9 kW, and (3) Tos= 17 nsand Upg = 3 kKW [3].

averaged over the laser pulse duration yields 5 and
=3.4 uJcmd: i.e, the higher the peak power of the
amplifier, the shorter theinversion lifetime. A morerig-
orous analysis of the multipass amplifier considered
requires the self-consistent solution of the kinetic equa
tions for populations, equation of the energy balancein
a plasma, and transfer equations for amplified radia-
tion.

CONCLUSIONS

Upgrading of a copper-vapor double-pass amplifier
and the application of an MO pulse shorter than in the
previous work [3] made it possible to raise the peak
power of the output pulse to 305 kW. This value is
2.2 times higher than that of a single-pass amplifier
with the mean output power (23-25 W), pump power,
and lasing medium of the amplifiers being equal. The
results obtained support the validity of the qualitative
physical model that explains the method [1] of increas-
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ing the pulse amplitude without significantly changing
the specific mean power. Note that single-pass amplifi-
ers using MO pulses shorter than the inversion lifetime
in the amplifier stage also offer a high output power.
However, the mean power here decreases, because the
inversion energy is utilized incompletely. In particular,
using tubes with a volume two to four times greater,
Evtushenko et al. [6] obtained a peak power of 600 kW
at aspecific mean power seven to eight timeslower than
the mean power in this work.

To clarify the prospects of our approach, additional
calculations and experiments (in particular, with a
larger number of passes in the amplifier stage) are
needed. Such amplifiers would make it possible to
effectively employ small and, hence, cheap lasing ele-
ments [4] with a mean radiation power of 10-20 W
instead of expensive devices with amean output of tens
or hundreds of wattsin technological equipment requir-
ing high-peak-power radiation pulses.
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Abstract—Theinteraction of apowerful femtosecond laser pul se with athin aluminum foil containing ahydro-
gen admixture isinvestigated. The calculations in question are performed for actual ion charges and at a solid-
state density. The investigation is carried out with the aid of the previously developed theory of interaction of
powerful short laser pulses with plasmas. This theory is based on constructing propagators for plasma-particle
distributions. The calculated fast-proton distributions are in good agreement with experimental data. © 2005

Pleiades Publishing, Inc.

INTRODUCTION

Present-day lasers of power in the multitera- and
petawatt ranges make it possible to obtain high-inten-
sity femtosecond pulses (see, for example, [1]). In such
cases, the intensity may range between 10 and
10 W/cm? at the focus of alaser pulse. At intensities
as high as this, the oscillatory motion of an electron in
thefield of awave becomesrelativistic (at awavelength
of about 1 um). Anintensity of 8 x 10 W/cm? can also
be obtained by means of a portable laser aswell [2]. A
great number of experiments [3—16] and a numerical
simulation by the “particles in a cell” method [17-27]
showed that the interaction of such intense laser pulses
with athin target (or athick target in the presence of a
weak prepulse) may produce intense fast-proton
beams, which can be used for afast ignition of a ther-
monuclear target [28, 29], diagnostics of fast processes
in plasmas [30], and isochoric heating of a solid body
with the aim of obtaining high pressures[31], aswell as
in neutron sources[3].

The mechanism of proton acceleration in the inter-
action of an intense femtosecond laser pulse with athin
target is as follows. The ponderomotive force acceler-
ates electrons, with the result that there arises charge
separation. This generates an ambipolar electric field,
and it is this field that accelerates ions in the target
plasma. An additional acceleration may be due to the
Coulomb explosion of ions [17] and a vortex electric
field[18]. Thereisalso a stochastic mechanism of elec-
tron acceleration [32], in which case the conditions for
proton acceleration are optima [26]. lons may be
accelerated both near the forward boundary of a thin
target [3, 14, 20, 21] and near its rear boundary [6, 8,
13, 17, 18, 22]. In the calculations reported in [27], the
accelerating ambipolar field was distributed over a
wide region. In the case where alaser pulse isincident

to athick target, ions are also accelerated owing to the
emergence of an ambipolar field [1]. It should be
emphasized that the energy distribution of accelerated
ions depends on the distribution of displaced electrons.
For the case of afree plasma expansion into a vacuum,
thiswas proven in [33].

BASIC RELATIONS

Plasma dynamics is studied here within the theory
developed previously in [34] to describe the interaction
of powerful short laser pulses with plasma. This theory
is based on constructing propagators for plasma-parti-
cle distributions at times shorter than the relaxation
time for these distributions. In the approximation of a
self-consistent field, the propagator for the density
matrix (distribution function in the coordinate repre-
sentation) describing particles of sort a has the form

_ m, D3
Ka21) = =y
i . D
X exp%(so +AS)) + ASSH

where §, isthe action functional for aparticlein alaser
field of linear polarization (which istypical of powerful
lasers). Inthisfunctional, the nonuniformity of thefield
istaken into account parametrically; that is,

ro—rq)(Ar,—Arg) -

J’Adq)

Q)C(tz _tl)
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where A = Ay(r, ¢/w)sing is the vector potential of a
laser field, with r; Ok, k being the wave vector; ¢, , =
Wty , —Kry 5 Ady , = KAr/2; and w is the laser-field
frequency.

In Eq. (1), AS, is the addition that the action func-
tional develops under the effect of the ponderomotive
forces that arise owing to the nonuniformity of the
laser-field amplitude A,. The ponderomotive forces
were taken into account by perturbation theory, this
being legitimate for rather short times within which the
displacement of a particle is small in relation to the
characteristic size of the nonuniformity of the laser-
field amplitude A,

Z%¢°
20m, c? D

+

t
VA0 Ar ,dt. 3
t
Here, Ar, is the trajectory of a particle in a uniform
laser field, the boundary conditions being Ar (t;) = Ar,
and Ar (t,) = Ar,. The contribution AS; to the action

from particleinteractionisgiven by (thiscontributionis
also calculated by perturbation theory)

Im{AS} =T Z andpb f12(Pw t1) VP
b

ZZ 2
4mc

ASp:_

t

dtZa(r 1)32C2[Ar aDvb(t)] ?
| R a—y vy
ty

(4)

f12(Pw ty) = J.drf(r’ Pos 1) Zy(1);

Re{AS} = -t anfdpbfzz(pba t;)
b

a(rl)e

(Ar a0y, (1), ()

J'dt

Foz(poty) = [arf(r, pp, t,)Z2(r).

Here, Z,, py, Vi, and n, are, respectively, the charge,
momentum, velocity, and mean density of plasma par-
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ticlesof sort b. The density matrix p(r + Ar/2, r —Ar/2)
isrelated to the distribution function by the equation

Ar [p

f(r.p) = !

(6)

p(r. ar) = —jdpf(r p)expﬁAr 2

where V is the plasma volume.

If the initial distributions of plasma particles are
known, their evolution can be found by repeatedly
applying the propagators given by Egs. (1)—(5) accord-
ing to the relation

Pa(ra Ar,, ty)
= J’dr 1IdArlKa(Z, 1)p,(rq, Arg, ty).

In order to study the generation of fast protons, it is
necessary to consider particles of three sorts: electrons,
target ions, and admixed hydrogen ions.

(7)

GENERATION OF FAST PROTONS
UPON THE IRRADIATION
OF A THIN ALUMINUM FOIL

Here, we consider theinteraction of alinearly polar-
ized laser pulse whose envelope is given by

Aok = Agexp(—(t—2ic)’ /%) exp(~(X* + y*)/a”), (8)

the z and x axes being aligned with, respectively, the
wave vector of the laser pulse and the polarization axis.
The parameters of the laser pulse are thefollowing: T =
20T, 0 = 7\, and A = 0.8 ym, where T and A are the
laser-pulse period and wavelength, respectively. The
maximum intensity reaches the value of I, =
10 W/cm?. The aluminum foil used is shown in
Fig. 1. The angle a between the laser-radiation wave
vector and the normal to the plane is 22°, as in the
experiment reported in [13]. Thefoil thicknessis 3 um,
the initial concentrations of electrons and Al**3 ions
corresponding to a solid-state density. There are also
admixed hydrogen ions.

By and large, theinteraction process proceedsin just
the same way as in a simulation by the “particlesin a
cell” method. The large ponderomotive force of alaser
pulse expels electrons and accelerates them along the
direction of its propagation, generating a strong separa-
tion of charges. The distributions of electrons in the
(z, py and (y, p,) phase planes are shown in Figs. 2 and
3, respectively. These distributions are given for atime
instant following the completion of |aser-pulse interac-
tion with the target. As can be seen from Figs. 2 and 3,
the electrons are accelerated to relativistic energies in
the direction of pulse propagation. Owing to the devel-
opment of Weibel instability [35], an electron current is
generated in the opposite direction. An averaged
description (the characteristic scale is about the wave-
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Fig. 1. Three-dimensional representation of a thin alumi-
num foil.

length) of thisinstability isgivenin Fig. 3. Usualy, the
Weibel instability developsto smaller scales[36].

The electron-density distribution at a time instant
following the completion of laser-pulse interaction
with the target is displayed in Fig. 4. One can see that
there occurs electron detachment at the target center,
the electron-density value in the detached parts remain-
ing close to a solid-state value. In a ssimulation by the
“particlesin a cell” method, relativistic electrons form
a dilute halo around the target (see, for example, [13,
21, 22]). However, amodel initial electron concentra-
tion that is an order of magnitude lower than a solid-
state value was taken in those studies.

The ambipolar electric field formed upon the sepa-
ration of charges accelerates ions, predominantly
admixed protons. The distribution of fast protons with
respect to the momentum p, isdisplayedinFig. 5. Inthe
case where the initial concentrations of aluminum ions
and protons are equal to each other, the temperature of
fast protonsis T,, = 4 MeV, while the total number of
accelerated protons whose energy is above 1 MeV is
approximately 3.5 x 10! (the accuracy of the calcula-
tionisabout 20%). These results agree with experimen-
tal data from [13], which indicate that Ty, = 3.2 +
0.3 MeV and that the number of accelerated protonsis
1.6 x 10", The total number of accelerated protons
depends strongly on their initial relative concentration
in the target, since, at their concentration of 3%, the
number of accelerated protons falls down to 0.5 x 10%°
(see Fig. 5). The source of the discrepancy between the
numbers of accelerated protons is that the initial con-
centration of the protons in the target is unknown.

From Fig. 6, which shows the distribution of fast
protons in the (z, p,) phase plane, one can see that the
bulk of the protons are accelerated in the region around
z=5-6\, whichiscloseto thezvalue at whichthex=0
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Fig. 4. Three-dimensional representation of the electron
density in units of 102 cm™.

plane intersects the rear boundary of the target. There-
fore, the protons are accelerated predominantly in the
vicinity of the rear boundary of the target, this being
consistent with the results of the simulation performed
in[13].
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The absence of proton acceleration in the target in
thevicinity of y=0 (seeFig. 7) isan interesting feature.
In al probability, this is associated with the intense
inverse current of relativistic electronsin the vicinity of

KOSAREV

this value of y (see Fig. 3). The calculations were per-
formed by using a Pentium-4 PC.

CONCLUSIONS

The interaction of a femtosecond relativistic (I =
10%°W/cm?) laser pulse with an aluminum foil of thick-
ness 3 um has been studied on the basis of the previ-
ously developed theory of interaction of powerful short
laser pulses. The new method used has made it possible
to perform asimulation at realistic solid-state densities.
By and large, the interaction process follows the same
scenario asthat observed in asimulation by the conven-
tional “particles in a cell” method at densities much
lower than a solid-state value. A strong ponderomotive
force leadsto the separation of charges and to the accel-
eration of protons by an ambipolar electric field. Atini-
tial solid-state concentrations, however, the electron
cloud is ruptured without a sizable decrease in the con-
centration. The protons are accelerated predominantly
in the vicinity of the rear boundary of the target. The
momentum distribution of fast protons is of a Max-
wellian character and is characterized by the tempera-
ture of T, =4 MeV.

REFERENCES

P. G. Kryukov, Kvantovaya Elektron. (Moscow) 31, 95
(2001).

2. 1. Spenser, K. V. D. Ledingham, P. McCanny, et al., Phys.
Rev. E 67, 046402 (2003).

3. A. Maksimchuk, S. Gu, K. Flippo, and D. Umstadler,
Phys. Rev. Lett. 84, 4108 (2000).

4. E. L. Clark, K. Krushelnik, M. Zepf, et al., Phys. Rev.
Lett. 85, 1654 (2000).

5. K. Kruchelnick, E. L. Clark, M. Zepf, et al., Phys. Plas-
mas 7, 2055 (2000).

6. A.J. Mackinnon, M. Borghesi, S. Hatchett, et al., Phys.
Rev. Lett. 86, 1769 (2001).

7. Y.Murakami, Y. Kitagawa, Y. Sentoku, et al., Phys. Plas-
mas 8, 4138 (2001).

8. S. P Hatchett, C. G. Brown, T. E. Cowan, et al., Phys.
Plasmas 7, 2076 (2000).

9. T. E. Cowan, M. Roth, J. Johnson, et al., Nucl. Instrum.
Methods Phys. Res. A 455, 130 (2000).

10. M. Roth, T. E. Cowan, C. Brown, et al., Nucl. Instrum.
Methods Phys. Res. A 464, 201 (2001).

11. A.A.Andreev,V. M. Komarov, A. V. Charukhchev, et al .,
Zh. Eksp. Teor. Fiz. 121, 266 (2002) [JETP 94, 222
(2002)].

12. M. Hegelich, S. Karsch, G. Pretzler, et al., Phys. Rev.
Lett. 89, 085002 (2002).

13. A. J. Mackinnon, Y. Sentoku, P. K. Patel, et al., Phys.
Rev. Lett. 88, 215006 (2002).

14. M. Zepf, E. L. Clark, F. N. Beg, et al., Phys. Rev. Lett.
90, 064801 (2003).

15. H. Habara, R. Kodama, Y. Sentoku, et al., Phys. Plasmas
10, 3712 (2003).

=

TECHNICAL PHYSICS Vol. 50 No. 10 2005



16

17.

18.

19.

20.

21.

22.
23.

24,

25.

26.

GENERATION OF FAST PROTONS

M. Allen, Y. Sentoku, P. Audebert, et al., Phys. Plasmas
10, 3283 (2003).

Y. Setoku, T. V. Liseiking, T. Zh. Esirkepov, et al., Phys.
Rev. E 62, 7271 (2000).

S. V. Bulanov, T. Zh. Esirkepov, F. Kalifano, et al.,
Pis'ma Zh. Eksp. Teor. Fiz. 71, 593 (2000) [JETP Lett.
71, 407 (2000)].

Y. Ueshima, Y. Sentoku, and Y. Kishimoto, Nucl.
Instrum. Methods Phys. Res. A 455, 181 (2000).

W. S. Lawson, P. W. Rambo, and D. J. Larson, Phys.
Plasmas 4, 788 (1997).

C. S. Wilks, A. B. Langdon, T. E. Cowan, €t al., Phys.
Plasmas 8, 542 (2001).

A. Pukhov, Phys. Rev. Lett. 86, 3562 (2001).

A. Zhidkov and M. Uesaka, Phys. Rev. Lett. 89, 215002
(2002).

T. Zh. Esirkepov, S. V. Bulanov, K. Nishihara, et al.,
Phys. Rev. Lett. 89, 175003 (2002).

S. V. Bulanov, T. Zh. Esirkepov, F. F. Kamenets, et al.,
Fiz. Plazmy 28, 1059 (2002) [Plasma Phys. Rep. 28, 975
(2002)].

Q. L. Dong, Z.-M. Sheng, M. y. Yu, and J. Zhang, Phys.
Rev. E 68, 026408 (2003).

TECHNICAL PHYSICS Vol. 50 No. 10 2005

27.

28.

29.

30.

31

32.

33.

34.

35.
36.

1327

S. V. Bulanov, T. Zh. Esirkepov, J. Koga, et al., Fiz.
Plazmy 30, 21 (2004) [PlasmaPhys. Rep. 30, 18 (2004)].
M. Roth, T. E. Cowan, M. H. Key, et al., Phys. Rev. Lett.
86, 436 (2001).

V. Yu. Bychenkov, V. Rozmus, A. Maksimchuk, et al.,
Fiz. Plazmy 27, 1076 (2001) [Plasma Phys. Rep. 27,
1017 (2001)].

M. Borghesi, S. Bulanov, D. H. Campbdll, et al., Phys.
Rev. Lett. 88, 135002 (2002).

P. K. Patel, A. J. MacKinnon, M. H. Key, et al., Phys.
Rev. Lett. 91, 125004 (2003).

Z.-M. Sheng, K. Mita, Y. Sentoku, et al., Phys. Rev. Lett.
88, 055004 (2002).

V. F. Kovalev, V. Yu. Bychenkov, and V. T. Tikhonchuk,
Pis'mazh. Eksp. Teor. Fiz. 74, 12 (2001) [JETP Lett. 74,
10 (2001)].

I. N. Kosarev, Zh. Tekh. Fiz. 75 (1), 32 (2005) [Tech.
Phys. 50, 30 (2005)].

E. S. Weibel, Phys. Rev. Lett. 2, 83 (1959).

N.V. ElkinaandV. D. Levchenko, Vopr. At. Nauki Tekh.,
No. 4, 124 (2003).

Trandated by A. Isaakyan



Technical Physics, Vol. 50, No. 10, 2005, pp. 1328-1334. Translated from Zhurnal Tekhnicheskor Fiziki, Vol. 75, No. 10, 2005, pp. 78-84.

Original Russian Text Copyright © 2005 by Pikulev.

OPTICS,
QUANTUM ELECTRONICS

Gas Dynamicsin Nuclear-Pumped L aser
and Luminescent Cellswith Buffer Volumes

A. A. Pikulev

All-Russia Research Institute of Experimental Physics, Russian Federal Research Center,
Sarov, Nizhegorodsk Oblast, 607190 Russia
e-mail: pikulev@expd.vniief.ru
Received February 11, 2005

Abstract—A nonstationary gasdynamic model of sealed laser and luminescent cells pumped by uranium fis-
sion fragmentsis devel oped. This model extends the earlier 1D model of gas dynamicsin cells of flat geometry
to the case of cellswith buffer volumes and allows analysis of gasdynamic processes for the energy deposition
step distribution over the laser cell length. © 2005 Pleiades Publishing, Inc.

INTRODUCTION

Gaining insight into thermal gasdynamic processes
taking place in the active medium of gas lasers and
luminescent cells pumped by uranium fission frag-
ments [2] is a challenging problem. It covers such
issues as the amount and distribution of energy deposi-
tion, as well as the velocity, density, temperature, and
pressure of the active medium.

The effect of gasdynamic processesis the most pro-
nounced when the energy delivered to the active
medium is comparabletoitsinitial inner energy. In this
case, gasdensity redistribution is observed, which dras-
tically changes the energy depoasition distribution.

Among the available theoretical models of gas
dynamics in nuclear-pumped sealed laser and lumines-
cent cells, two merit attention: the model of low energy
deposit [3] and the 1D model of gas dynamicsin cells
of flat geometry [1].

When the energy deposition is low, the gas flow is
potential [3]; therefore, the former model allows 3D
analysis of gas dynamics with regard to heat conduc-
tion. The essential disadvantage of this modd is a
severe limitation of the energy deposition.

In the latter model, the energy deposition is related
to the Lagrangean coordinate of a fluid particle and a
solution to the gasdynamic problem is given in quadra-
tures[1], which isaserious advantage of thismodel. Its
disadvantages are the unfeasibility of adequate inclu-
sion of heat conduction and a low dimension of the
problem. The latter factor makes it impossible to take
into account the nonuniformity of the energy deposition
distribution over the cell length (i.e., along the layers
containing the fissioner).

Most experimental cells have spaces of relief: the
so-called buffer volumes, where the pump intensity is
zero [2, 4]. A specific feature of cells with buffer vol-
umes isforcing the heated gas out of the active volume

(where the energy deposition is other than zero) into a
buffer during a pump pulse. Obviously, buffered cells
may be viewed as the limiting case of cells with energy
deposition nonuniform distribution.

This paper presents agasdynamic model of buffered
cells that extends the model developed in [1]. The new
model assumes that acoustic pressure oscillations dur-
ing a pump pulse are negligible, the active volume is
bounded by plane-parallel plates with a fissioner, and
the plate spacing is much shorter than the active volume
length. The last-named assumption allows us to ignore
edge effects at the boundary between the active volume
and a buffer and, thereby, solve the gasdynamic prob-
lem by integrating an ordinary differential equation for
the mean pressure to obtain a solution in the form of a
guadrature in Lagrangean coordinates.

BASIC EQUATIONS

The set of gasdynamic equations for an ideal non-
heat-conducting gasinvolves the continuity and energy
equations (the Navier—Stokes equation in the modd is
lacking) [5],

E,@—QHDEU) -0

?’f%v—i D+le[h_+puD_q

wherep, u, and p are, respectively, the density, velocity,
and pressure of the gas; v isthe adiabatic exponent; and
g is the pump power.

It was shown [1] that, if pump pulse duration T sat-
isfiestheinequality v > L, wherev isthe sound veloc-
ity and L is the cell length, the kinetic energy in the
energy equation may be ignored (it is much lower than
the potential energy). Below, we disregard the intensity

)

+ Y
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of pressure waves and assume that the pressure is uni-
form within the cell. Then, the energy equation simpli-
fiesto[3]

1dP

g im0 = q @

y 1
where P isthe cell-volume-averaged pressure value.

Consider the idealized representation of a buffered
cell (Fig. 1). The cell hasthe form of arectangular par-
allelepiped consisting of active and buffer volumes. A
layer of the fissioner is applied on a plate coinciding
with the plane z= 0 (thefissioner can also be applied on
aplate z = h) and isin contact with the active volume.
The pump intensity is assumed to be uniform (edge
effects near the fissioner are ignored), and so the pump
intensity in the active volume depends only on coordi-
nate z. In addition, we assume that the length of the
active volume far exceeds the spacing between the
plates with uranium fuel. This allows usto ignore edge
effects at the boundary between the active volume and
buffer.

It is easy to check that, with the conditions men-
tioned above satisfied, the density and gas velocity
component w along the 0z axisin the active volume will
depend on only time and coordinate z, while velocity
components u and v along the 0x and Oy coordinates
will be zindependent. This is because the pressure
along the 0z axis levels off much more rapidly than
along the Ox and Oy axes. Note that the above assump-
tions were used previously [3] to provide gquasi-one-
dimensional flow in flat cells.

Eventually, the continuity and energy equationstake
the form

Egg+apw+ pEBu ovl

— =0
(ot 0z X 0
. Px " oyH 3
0 1 dP _
Dy—ldt y-— 1(D ) = a.

Let us integrate the second equation in set (3) over
cell volumeV,

1 dP _ _ Vo
i RO B = (@
where V and V, are the total and active volumes of the
cell, respectively, and [gCis the mean pump intensity in
the active volume.

Below, the gasdynamic parameters will be consid-
ered only in the active volume and L[l.. Cwill mean aver-
aging of aparameter over the active volume. Averaging
set (3) over coordinate z and using the no-percolation
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Fig. 1. Sealed cell with buffer volumes: (1) active volume,
(2) buffer volume, and (3) plates with the fissioner.

conditions at the cell walls, we obtain

au av_
dx ay

_dInpl
dt ’

_1.dP, ©

V- 1dt

yP EBu GVD

[1
y— 1Dax ayE =
Eliminating mean pump intensity [qlin the active
volume, wefind from (4) and (5) arelationship between
the gas density and pressure in the active volume,

PP = poPf, ¢ = T2 ©)

Formula (6), which was derived in [6], relates the
pressure and mean density in the activevolume, i.e., has
the form of an equation of state with adiabatic exponent
¢. In the absence of the buffer volume, ¢ = 0 and the
mean density in the active volume is constant.

By way of deviation, let us consider the effect of
heat conduction on equation of state (6). For a heat-
conducting gas, the second equation in set (3) and
Eq. (4) take the form

01 agp Js
o Ta - Py -
O
01 dP_yP din(pl _ o0
DDJ 1dt y—-1 dt vO
where

.= II)\(;—IdS, Jg = ng—zdsg ®)
S S

are the total heat flux toward the cell wall and the heat
flux toward the cell wall in the active volume, respec-
tively, and A isthe thermal conductivity.

After eliminating [gfrom set (7) and integrating
over time, we arrive at an equation of state of thegasin
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the active volume with allowance for heat removal,

PPt = poP?;expm—j P%dtﬁ,

(9)

where Js_g = Js— Jg isthe heat flux toward the cell
wall in the buffer volume.

It follows from formula (9) that the accuracy of
equation of state (6) depends on the energy the heated
gas transfers to the buffer volume walls. The effect of
heat conduction on gas dynamics in sealed cells has
been comprehensively considered elsewhere [3, 7] and
hereis omitted.

Let us turn to the expression for mean pump inten-
sity [C0n the active volume. It was shown [8] that, if [0
is proportional to the energy deposited into the gas by
fission fragments, the pump intensity due to a plane-
paralel indefinitely long layer with afissioner is given
by the formula

. _ Lo
q = pn(t)a(tplz), [P = pozjo'p(z, tydz. (10)

Here, n is the relative shape of the pump pulse, p =

p pgl isthe relative density of the gas, [p [ is the mean
relative density within the segment [O, 7],
o= S ay
gas
isthe pump power in the maximum of the reactor pulse
for local density p = 1, E, is the mean fission energy,
L, is the range of a mean fission fragment in the fis-
sioner layer, Lsistherange of afission fragmentinthe
gas of density p,, [Misthe number of fission events per
unit volumein aunit of time averaged over the uranium
layer surface area, and f = f, —f5 isadimensionless fac-
tor of energy deposition (hereafter, the energy factor).
If fission fragments slow down by a quadratic law
and the gas density is uniform, we have the following
expressions for the energy factor [8]:

Bf(2) = h(1-0){1+2¢Ing -} /2

Sl _ 5 12)
;&o = Ei"‘ [sz“‘a‘sv (s = Zo"'[;,

where h is the Heaviside function; d and d,, are the
thicknesses of the uranium layer and protective alumi-
num film, respectively; and L,, isthe range of afission
fragment in auminum.

Asfollows from formulas (11) and (12), the energy
deposition depends only on relative fragment range ¢
calculated inthe Oz direction, which isnormal to thefis-
sioner layer surface, and has a constant value in the
Lagrangean variables.

PIKULEV

PASSAGE TO THE LAGRANGEAN
VARIABLES

Consider now the gas flow in the active volume.
Combining formulas (3) and (5), we obtain

YP ow _ ou, dv _ din(pOl
y—ldz_q HH 5% ay dt

whereit is assumed that the pressure, gas mean density
[pJ and mean pump intensity [gLin the active volume
are known functions of time.

Set (13) will be solved in the Lagrangean variables
[9]. Theinitial coordinates of afluid particle are (X, Yo,
Z,), and the relative density equals unity. The law of
conservation of mass for the particle in the Lagrangean
coordinates has the form dV, = p dV, and the running
coordinates of the particles can be found by integrating
the equations

(13)

t t
X = x0+J'udt', y = y0+_!vdt',
(14)

t

z= Zo+IWdt'-

Combining the second equation of set (13) and
Egs. (14), we get

2;05% [%ﬂ (19
Also,
[pdz = [pldz,— EDDZZ = [pli,
Dl _ ow [ (16)

[bEEl I(3_Zodtg

From (10) and the first equation of set (16), it fol-
lows that the pump intensity in the Lagrangean coordi-
nates has the form

q = pn(t)age( PlL),

and the pump intensity averaged over the active volume
isgiven by

avO

(17)

(o0 = [N (t) Lao(CLPOM (18)

where [ty,(p)0 = %r;qo(pzo)dzo is the active-vol-

ume-averaged pump intensity in the pulse maximum
for the uniform distribution of density [ ]

Substituting relationships (6) and (18) into formula
(4) yields a set of equations for gas mean density [(p[J
TECHNICAL PHYSICS  Vol. 50
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and pressure in the active volume,

1 dP
3G = B () (PI0 PP = P (19)

Equation (19) can be solved numerically, for exam-
ple, by the Runge—Kutta method or by integration in
quadratures using the method of successive approxima-
tions[10].

It should be noted that, if, during a pump pulse, the
range of a mean fission fragment in the gas does not
exceed spacing h between the plates with the fissioner,
the mean pump intensity does not depend on the gas
density, (@[ h(t)[g,L] In this case, Eq. (19) is easy to
integrate,

t

P = Po+B(y—1) [ (), (20)
0

where Py istheinitial pressure.

Formula(20) characterizes one of two limiting cases
for the pressure shock (for details, see [6]) and coin-
cides with the pressure equation derived in the low
energy deposition approximation [3].

SOLUTION IN THE LAGRANGEAN
VARIABLES

Consider the solution of set (13) where the gas pres-
sure and mean density [p[lare solutions to set (19).
Substituting (18) into the first equation of (13) in view
of the fact that dz,/0z = p/[pJ which follows from the
first equation of set (15), we get

YP_ p ow
y—-10plbz,

The solution to Eq. (21) under the initial condition
P(0, z) =pois

= n®{Pau(CPDz, — (pULE(LAOT - (21)

ow . _ P nPog"*0
D[ W = IC(ZO, VEERHar - % T
(22)
where
C(z, 1) = ﬂ( ) [P0 ( [PCKy) .

vP(t)

In (22), it is convenient to change integration over
timeto integration over pressure,

t
d 1 Ogo(" 0
[P = 2 el Gy g
) 07 TOe(¢" )0 O
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where

opo™®

0 =050
P

From the definition of 6, it followsthat 68 -1 = [p ]
Since the time dependence of the pressure is known
from the solution to Eq. (19), parameter 8 is a given
function of time and so the integral on the right of (23)
can be taken numerically. From (14), (16), and (23),
one can find the density and coordinate z of the fluid
particle; namely,

t
_ 14 ow [
= EbEHl+.£aZoth'
Ot
2(zy, 1) = zo+‘Ug—Zdt'dz{).
00

Dl

(24)

To return to the Eulerian (fixed) coordinates, it is
necessary to pass from Lagrangean coordinates (Xo, Yo,
Z,, t) torunning coordinates (x, y, z, t) inal theformulas
derived. To do thisrequiresinversion of set (14), which
isaroutine numerical procedure if the trajectory of the
fluid particle is known.

Expression (23) is an extension of the formula
derived in [1] for buffered cells. In the absence of the
buffer, the integrand in formula (23) clearly does not
depend on the variable of integration; therefore, for the
density and Lagrangean coordinate of the particle, we
obtain the following relationships:

- Lo 10

"o g

:]_+

Ol

(25)

Formulas (25) coincide with those derived in [1].

COMPUTATIONAL RESULTS

Of special interest in studying the gas dynamics and
optics of laser and luminescent cells are optical inho-
mogeneities and the energy deposition distribution over
the cell volume. Accordingly, one must know the den-
sity and energy factor. In the model considered, the
energy factor is a function of the mean density and
Lagrangean coordinate of the fluid particle,

= f([plz),
asiseasy to seefrom (11) and (17).

Using formulas (23) and (25), one can reduce
expression (24) for the density in the Lagrangean coor-

(26)
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Fig. 2. Energy factor distribution along the 0z axis for B =
0.4 (numbers by the curves are the relative pressures).

dinates to the form

1 PO O ), O
= =[Is0 O = + 17,
P oPo BT O

(27)

-1
F(p) = hjf(pzo)dzo-
0
Asfollowsfrom (26) and (27), the energy factor and

the density, when expressed in the Lagrangean coordi-
nates, depend only on the gas pressure (and, certainly,

Fig. 3. Mean density in the active volume vs. pressure for
B=(1,1)0.38,(2,2)0.6, and (3, 3") 0.4. The primed curves
are constructed in thelow energy deposition approximation.

PIKULEV

on parameter 3, adiabatic exponent y, and theinitial dis-
tribution of this factor, that is, on the quantities that
remain constant during pumping). Since the displace-
ment of fluid particles along the 0z axis also depends
only on the pressure (see formula (24)), wefind that the
energy factor and the density depend only on the pres-
sure in the Eulerian coordinates too. The pressure is a
thermodynamic parameter that is the easiest to measure
experimentally; therefore, the computational resultsfor
the density and energy factor are convenient to repre-
sent as parametric dependences of pressure. Thisis not
pertinent to the gas vel ocity components, which, asfol-
lows from relationships (13) and (21), depend aso on
the shape and amplitude of the pump pulse.

By way of illustration, we give the results of model
calculations for the pressure dependences of the gas
density distribution at f = 1.0, 0.8, 0.6, and 0.4. It was
assumed that the cell isfilled with aninert gas (y= 1.67)
in which the range of a mean fission fragment is twice
as large as the cell transverse dimension (R, = 2h). At
h =1 cm, this condition is met for helium at an initial
pressure of 7 atm, neon (1.8 atm), argon (1.2 atm), and
xenon (0.65 atm) [11]. It was also assumed that a 3-pm-
thick 235-uranium layer applied on the lower plate (the
plane z = 0) is covered by a protective auminum film
0.038 um thick (such parameters are typical of fuel ele-
ments used in nuclear-pumped laser and luminescent
cells). The energy factor was calculated on the assump-
tion that fission fragments slow down by a quadratic
law (see formula (12)).

For the uniform gas density, the distribution of the
energy factor is shown by curve 1 in Fig. 2. Figure 3
plotsthe mean density versus pressurein the active vol-
ume. The results obtained in the low energy deposition
approximation are also shown for comparison. From

Az
0.15F
2
0.10F 3
I
4
0.05}-
O 1 1 1 1
1 2 3 4 5
P

Fig. 4. Fluid particle displacement along the 0z axis vs.
pressure for B = 0.4. Z/h = (1) 0.2, (2) 0.4, (3) 0.6, and
(4)0.8.
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Fig. 5. Relative density of the gas vs. pressure for 3 = (a) 1.0, (b) 0.8, (c) 0.6, and (d) 0.4.Thick line 1 depicts the mean density in
the active volume. z/h = (2) 0, (3) 0.25, (4) 0.5, (5) 0.75, and (6) 1.0.

Fig. 3, it follows that the presence of the buffer volume
leads to a considerable decrease in the density in the
active volume as the pressure grows. In particular,
when the pressure grows fivefold, the mean density in
the active volume drops roughly by 20% at 3 = 0.8,
twofold at 3 = 0.6, and more than fourfold at 3 = 0.4.

Figure 4 shows the displacement of fluid particlesin
the Oz direction as afunction of their initial pressure at
B =0.4. Asthe relative pressure rises up to 2.5, the par-
ticles rapidly move away from the plate with the fis-
sioner. With afurther increase in the pressure, the par-
ticles start moving in the opposite direction, since the
energy factor distribution levels off with pressure
(Fig. 2).

The relative density versus pressure in the active
volume is demonstrated in Fig. 5 for f = 1.0, 0.8, 0.6,
and 0.4. Thick curve 1 refersto the mean density in the
active volume. It is seen that the interior of the cell may
be subdivided into two regions in the 0z direction: that
where the density islower than the mean value and that
where the density is higher than the mean. The bound-

TECHNICAL PHYSICS  Vol. 50
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ary between these regions is roughly coincident with
the middle of the cell (z=0.5) and depends on the pres-
sure only dightly (the dlight dependence on the pres-
sure is associated with the nonzero shift of the parti-
cles). In cells without the buffer volume, the particles
stop as the pressure tends to infinity, as follows from
(25), and the density distribution in the Lagrangean
coordinates becomes inversely proportional to the
energy factor distribution [1].

In the presence of the buffer volume, the density dis-
tribution is affected by two factors: the decrease in the
mean density in the active volume as the gas flows into
the buffer and the redistribution of the gasdensity inthe
transverse direction (i.e., toward the plates with the fis-
sioner). In the lower (expansion) region of the cdll, 0 <
Z < 0.5, these processes add up and so the gas density
decreases more rapidly than in the case 3 = 1. In the
upper (compression) region, 0.5 <z< 1, these processes
compete: as the pressure grows, the gas first may con-
tract (under certain conditions) and then necessarily
expands (Fig. 5).



1334

CONCLUSIONS

Thus, the given study shows that the presence of
buffer volumes in nuclear-pumped laser and lumines-
cent cells appreciably affects gas dynamicsin the cells.
The basic effect isthe leakage of the gas from the active
volume into the buffer during apump pulse. Because of
this, the mean gas density in the active volume
decreases, the distribution of the energy deposition lev-
els off, and its absolute value diminishes.

Themodel considered in thiswork isan extension of
the 1D model of gas dynamicsin cells of flat geometry
[1] and applies at any energy deposited into the active
volume. Therefore, the model may be helpful in esti-
mating the thermal, gasdynamic, and optical parame-
ters of laser and luminescent cells pumped by uranium
fission fragments at a high value of energy deposition.
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Abstract—An up-converter in which a capacitor with anonlinear dielectric film is used as anonlinear element
is analyzed. Relationships between the conversion gain and capacitor parameters, such as loss tangent and the
parameters of the C-V characteristic, which are of importance in converter design, are given. An up-converter
using Ba,Sr; _,TiO5 capacitorsis designed and tested. Experimental characteristics of this up-converter raising
the frequency from 0.8 to 4.4 GHz are reported. © 2005 Pleiades Publishing, Inc.

INTRODUCTION

Frequency converters are basic elements of trans-
ceiver systems, since heterodyne reception of signals
remains the main approach. Development of frequency
converters (along with tunable filters, delay lines, and
phase shifters [1, 2]) where a thin-film ferroelectric
capacitor in paraphase serves as anonlinear element is
among the mainstream areas in microwave application
of ferroelectrics. This avenue of inquiry seems to be
promising for tackling the challenging problem of
designing microwave converters. The feasibility of
such converters is apparent from a high-speed (10* s
[3]) dielectric response to an external electric field and
arelatively low loss tangent (tand = 5 x 1025 x 1079
of ferroelectric filmsin the paragl ectric state at frequen-
cies between 1 and 60 GHz [4], which is of specia
importance for the upper part of the microwave range.
To date, little has been known about the performance of
thin-film nonlinear BaSr;_,TiO; (BSTO) ferroelec-
trics in frequency converters. Works devoted to fre-
guency conversion in coplanar waveguides made of
strontium titanate and (Ba,Sr) TiO; solid solutions [5-7]
have appeared only recently, and generation of harmon-
ics and signals at combination frequencies in a cavity
including aferroelectric capacitor has been considered
in [8]. However, reliable data indicating a great poten-
tial of using ferroelectrics in microwave converters are
still lacking and ways of improving the performance of
these devices are not quite clear.

In this work, we report theoretical results concern-
ing optimal operating conditions and achievable param-
eters of ferroelectric frequency converters, as well as
simulate and measure the characteristics of a converter
designed for up-conversion from 0.8 to 4.4 GHz that
employs thin-film BSTO capacitors.

1. ANALY SIS OF AN UP-CONVERTER
WITH A NONLINEAR FERROELECTRIC
CAPACITOR

A high-speed response of a thin-film paraglectric
capacitor in paraphase to an applied voltage lets us
assume that dynamic capacitance C = dQ/dU responds
to an instantaneous high-amplitude control microwave
signal virtually inertialessly (the pump signa is u, =
U,coswyt) according to the small-signal dc C-V charac-
teristic.

Experimental C-V characteristics of thin-film ferro-
electric capacitors are usualy described well by the
expression [3]

CO)| , _K-1

UE |
1+ &8

where C(0) isthe capacitance at U =0, U, isa phenom-
enological parameter having the dimension of voltage,
K = C(0)/C(e0) is the adjustability factor of the capaci-
tor, and C(w) is the high-voltage capacitance
(U-—> o).

Generally, parameter U, depends on the structure
and composition of the ferroelectric and is intimately
related with the geometry of the capacitor.

The operation of the up-converter was analyzed
under the assumption that only theinput signal, the sig-
nal picked up from the load (output signal), and pump
signals (at input frequency f,,, output frequency f,;, and
pump frequency f,, respectively) may be present in the
converter’s circuit (this condition is provided by insert-
ing filters in corresponding circuits, see Fig. 1a) and
that pump signal amplitude U, far exceeds the ampli-
tudes of the input, U;,,, and output, U, signals. Under
this assumption, the nonlinear capacitance may be

C(U) =

(D

1063-7842/05/5010-1335$26.00 © 2005 Pleiades Publishing, Inc.
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Fig. 1. (a) Basic diagram and (b) equivalent electrical circuit
of the frequency converter.

viewed as a parametric capacitance varying in time
with frequency f, according to the C-V characteristic.
Then, the instantaneous small-signal dynamic capaci-
tance of aferroelectric capacitor can be expanded into
the Fourier seriesin pump harmonics,

C(t) = Cy+2 z C,hcos(nwyt), 2

where
_ 1o C(t)d(.t)
21 _[ P
-
is the constant component of the capacitance and

C. = élTT [ e cos(ned(,D

-1t

is the amplitude of an nth harmonic of the capacitance
at frequency nf,, (this frequency characterizes the con-
version of the input signal with frequency f;, to the out-
put signal with frequency fo,, = nf, + f,.).

Indeed, if weak input signal u;, = U;,cos(w,t + ;)
is applied to the converter with its output short-cir-
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cuited, the current passing through the capacitor,

= SICOUD] = 00,CoUnSN(0t + )

O
-Uip ) (hw, +
nzl

containsalarger number of components at combination
frequencies (nw, * ,), the conversion to which is
characterized by coefficient C,, in expansion (2). In the
presence of filtersin the input and output circuits of the
converter, only two terms of the Fourier series with
coefficients C, and C,, should be taken into consider-
ation. Usually, the conversions at the fundamental (n =
1) and the second (n = 2) harmonics of the pump signal
are of interest. According to (3), for frequenciesf;, and
fou the constant component of the capacitance at the
working point, Cy, as well as linear conductivities g,
and g, o« Characterizing losses in the nonlinear capaci-
tor at frequencies f, and f,,, respectively, can be
assigned to the respective resonant circuits of the con-
verter. Figure 1b shows the equivalent electrical circuit
of the up-converter, where the dashed rectangl e outlines
the nonlinear two-port network responsible for conver-
sion (the pump circuit in Fig. 1bis omitted). In Fig. 1b,
Yy and Y, are the conductivities of the pump generator
and load, respectively, and g;, and g, are the conduc-
tivities characterizing losses due to linear inductances
and capacitances in the input and output resonant cir-
cuits (Li,,, Loy Gipe and Cy)-

Analytical expressions relating Fourier coefficients
C, and C, to the pump voltage and dc bias voltage
acrossthe plates of the capacitor, Uy, can befound from
theoretical relationship (1) for the C-V characteristic.
Substituting the instantaneous voltages specifying the
working point of the nonlinear capacitor, u(t) = U, +
Ugcos(wyt), into (1), we find the Fourier coefficient in
the form

©)

W) Crsin[(nw, =

win)t * ¢in]

O C(0
C, = %[M(K—l)a(ub,up)],
0
0 d(w,t (43)
|:| O(Ub’ p) 2 J. ( p) 27
J n_nl a5y ﬁ’cos(co t)%
N U, U, P
0
O C(0
c, = SRAK-DF,(U, U,
0O
EF cos(noo t)d(wyt) (4b)
0 n( by p) - 2.,.[J.
5 _n1+ pcos(u) t)g
O
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where F, and F,, are dimensionless functions depending
on the pump voltage amplitude and dc bias voltage.

Clearly, the higher the absolute value of F,,, themore
efficient the conversion. Figure 2 plotsfunctionsF,, F,,
and F, versus normalized pump voltage U, /U, with the
bias voltage taken as a parameter. It is seen that conver-
sion at the second-harmonic frequency of the pump sig-
nal (fo, = 2f, + fi,) isthe most efficient in the absence of
the dc bias (U, = 0) at U, 02U,. Inthis case, Fy= 0.45
and |F,| = 0.18. Conversion at the fundamental fre-
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quency of the pump signal (f,, = f, + i) is the most
efficient at U, = (1-3)U, and U, = (1-3)U,, respec-
tively. In particular, for U, = U, = U, Fo = 0.55 and
|F4| =0.22.

Conversiongain G = P, /P, (where P, and P;, are,
respectively, the powers of the output and input signals)
is maximal when the nonlinear two-port network is
matched to external circuits. For the circuit depicted in
Fig. 1b, the expression for the maximal conversion gain
has the form

Gox
GMR
— woutwinci (5)
2
O 0y, 0o C2 O
(Geou * Gour) (9 +gi)ﬂ+J1+ ]
cod o o " O (gcout + gout)(gcin + gin)D
at optimal conductivities of the pump generator, Y, and Let us take into account that
load, Y, , defined as
gcout = (*)outCOtanéout!
. 2 O
Yg, opt= (gcin + gin) /\/1 + +wlnw0utcn+ 0 - M E = CO
(gcin gin)(gcout gout) 5(6) out Qout ’ out CO + Cout, (7)
(00 Co O i = w,Cotand,,,
YL, 0pt= (gcout + gout) /\/l + (*)m(*)out . ) D gc " o "
(gcin + gin)(gcout + gout) g
o Win(Co + Cip) £ = Co
where Gy g = Wy, /Wy, is the maximal conversion gain Gin Oin G+ Gy,
corresponding to alosdess nonlinear-reactance cornverter
(asfollows from the Manley—Rowe relationships [9]). and introduce the notation
C - U
o2 G _(K-D)F, ]
C, 1+(K-1)F, 0 ®
O
_ 1 0 1 00
= tand;,t S L= 1= I - S—
b aném anéom% EinQintanéinD E.ou’rQouttanaoutD,E
wheretand,, and tand,; are the losstangents of thefer-  can be recast as
roelectric capacitor at theinput, f,,, and output, f,;, fre- ,
quencies, respectively; Q,, and Q. are, respectively, Gon _ m E
the quality factors of the input and output circuits of the Gur mZDZ O
converter without the nonlinear capacitor; and &;, and b%- *tpo O )
&, are the coefficients of insertion of the nonlinear . E
capacitor into the input and output resonant circuits, (YinYU)opt = WinWouCo(m” +b).

respectively, which are defined as the energy stored in
the capacitor divided by the total energy stored in the
resonant circuit.

In view of the aforesaid, relationships (5) and (6)

TECHNICAL PHYSICS Vol. 50 No. 10 2005

The depth of modulation of the capacitance, m, at
frequency nf, depends on only adjustability factor K
and control voltages U, and U,, For values of K typical
of standard ferroelectric capacitors, K = 1.5-3.0, and
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Uy/Uq

Fig. 2. FunctionsFq, F4, and F5 vs. pump voltage amplitude
Up, across the nonlinear capacitor with bias voltage Uy, used
as a parameter. The values of U, and U, are normalized to
parameter U of the C-V characteristic.

the values of F, and F,, mentioned above, m falls into
the range 0.07-0.70 at n = 1 and 2. Quantity b charac-
terizes conversion losses due to losses in the ferroel ec-
tric capacitor and those in the resonant circuits. If (K —
1)F, > 1, the adjustability factor has anegligibleinflu-
ence on the conversion efficiency. For the inverse ine-
quality, an increase in the adjustability of the capacitor
may partially compensate for losses in the converter.
Below, we will consider conversion only at the funda
mental pump frequency (n =1, fo, = fi, + ).

Figures 3 and 4 plot optimal conversion gain
Gop! Guir @nd the product of the optimal conductivities
of the pump and load, (Y,Y\ ) o, VErsus adjustability fac-

G

opl/ GMR’ dB

Fig. 3. Optimal conversion gain Gy vs. adjustability factor
K of the nonlinear capacitor at different b for conversion at
the fundamental frequency (n = 1) of the pump (U, = U, =
Ug). The conversion gain is normalized to the gain of aloss-
less converter. The range of values expected in practice is
darkened.

(YLYg)opt/C% Wi Wout
100=
b=1
10~ heen. B 107!

Fig. 4. Product (YY) )opt Of the optimal conductivities of the
pump signal generator and load vs. adjustability of the non-
linear capacitor at different b for conversion at the funda-
mental frequency of the pump (Up, = Uy, = Ug). The values
of (YgY)opt @€ normalized to the product of the input and
output frequencies and capacitance of the capacitor squared
auU,=0.
P
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tor K of the ferroelectric capacitor for different b at
U, = U, = Ug. Product (YgY))op is normalized to the
product of frequencies w,, and w,,; and the capacitance
of the ferroelectric capacitor squared in the absence of
the pump signal. With such plots, the converter can be
designed for any frequency. For example, it follows
from Fig. 3 that, at b < 10, there is no need to use
capacitors with K higher than two, since the maximum
conversion gain changes by no more than 1 dB at such
b, whereas, at b = 102, an increase in K from 2 to 8
raises conversion gain G, by 3 dB.

In today’s microstrip resonant circuits, quality fac-
tors Q and insertion coefficients & are typically 10? and
0.1-0.3, respectively, at frequencies on the order of
10 GHz. In resonant cavities, Q reaches several thou-
sand at the same frequencies, while the coefficient of
insertion of aferroel ectric capacitor into acavity islow,
usually & ~ 1072 Taking into account that tand in ferro-
electric capacitors varies between 5 x 102 and 5 x 1072
in the frequency interval 1-60 GHz, one can assume
that losses due to the linear elements in the converter’s
circuit prevail. Then, vaues of b 0 (&€ QinQou) ™ =
10-10"2 apply to both microstrip resonant lines and
resonant cavities. Consequently, conversion gain G, is
below the Manley—Rowe value by 25-8.0 dB at K =
1.5-2.0(in Fig. 3, the range of values expected in prac-
ticeis hatched).

As follows from Fig. 2 and expression (4), at U, =
U,, coefficient C, reaches a maximum when the pump
voltage amplitude approaches U,. This circumstance
specifies a necessary level of pump power P If the
converter ismatched to the pump circuit at frequency f,,
the power delivered by the pump can be written as

1
I:)p = éui(gp+gc,p)v

where g, and g, characterize losses due to the linear
elements in the pump resonant circuit and nonlinear
capacitor at frequency f,.

Taking into account that U, = U, and relationships
similar to (7), the pump power providing a maximal
conversion gain takes the form

_1 2 1 0

Py = 50,CoUgtandy (L + 0,5

where Q,, &, and tand, are, respectively, the quality

factor of the pump resonant circuit, coefficient of inser-

tion of nonlinear capacitor in it, and tand of the capac-
itor at frequency f,.

Expression (10) implies that the pump power
depends on the parameters of the ferroel ectric capacitor
(Cyo, Uy, and tand) and efficiency of itsinsertioninto the
converter’s circuit. The pump power dissipated in the
active region of the ferroelectric capacitor, Py, =

0.5U; w,Cotand,,, may cause overheating of the ferro-

(10)
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electric film. The amount of overheating depends on the
capacitor’s design and to a large extent on parameter
U,. Thisfact should be taken into account in designing
the converters.

From relationship (9) and the run of the normalized
conversion gain and external circuit conductivities
(Figs. 3 and 4), one can easily estimate the parameters
of ferroelectric frequency converters by taking small-
signal C-V curves and measuring the loss tangent of a
ferroelectric capacitor, the parameters of which (K, U,
and tand) may be varied (according to the thickness,
microstructure, and composition of compound oxide
thin-film ferroel ectrics) during fabrication of the capac-
itive structure.

2. UP-CONVERTER DESIGN AND SIMULATION
OF ITS CHARACTERISTICS

Asnonlinear el ements of the converter, we used pla-
nar and parallel-plate thin-film BSTO capacitors. Com-
pared with the planar design, parallel-plate capacitors
allow one to reduce the capacitance-controlling voltage
with ferroelectric films being the same. This fact is of
crucia importance for selecting the pump power. The
design of the capacitors is schematically shown in the

C(UW/C0)
I

g
foN

04

0.05

0.04

0.03

tan

0.02

0.01

oL I I I I I I I
0 50 100 150 200 250 300 350

Uy, V

Fig. 5. Capacitance and tand vs. dc bias voltage at a fre-
quency of 3 GHz for thin-film BSTO capacitors(a) 1, (®) 2,
(#) 3,and (¥) 4. Theinset showsthe cross-sectional view of
(1-3) planar and (4) parallel-plate capacitors.
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Parameters of the Ba,Sr; _,TiO5 capacitors

Capac-| Structure of

itor no. film X (houmis um Uy V| K
1 Ceramic 06| 80 | 20 | 150 | 2.2
2 Polycrystalline | 0.3 | 0.5 5 | 165 | 25
3 » 05| 05 5 27 | 2.8
4 » 03| 08 | 30 25 | 34

inset to Fig. 5. They were formed on a 0.5 x 1.5 x
0.5-mm Polikor (alumina-based ceramics) substrate,
and aBSTO film was applied by magnetron sputtering.
The length, t, and width, s, of the gap in the planar
capacitors and the electrode surface area, s x s, in the
parallel-plate capacitors provided the samerated capac-
itances (=6 pF) of the capacitors used in the converters.

Prior to implementing the converter, we took C-V
curves from and measured tand in a large number of
capacitors with different geometries where both poly-

®) -18.7 iBm
3.6 GHz {
-242dBm %
0.8 GHz
~60.4 dBm
/
I
0 fin B Jou f

Fig. 6. (8) Layout of the frequency converter and (b) output
signal spectrum of the optimized converter for P, =
+30dBm, P, =—20 dBm, and U, = 27 V. (1) Closed stubs;
(2, 3) open stubs serving as rejection filters for signals at
frequencies f, and 2f,, respectively; and (4) contact pad
used to apply the bias voltage to the nonlinear capacitor.
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crystalline and ceramic Ba Sr; _, TiO; films of different
composition x and thickness h were used. Thetablelists
geometric parameters h and s of (1-3) planar and
(4) parallel-plate capacitors, composition x of the
BSTO films, and parameters K and U, appearing in
expression (1) for the C-V characteristic of aferroelec-
tric capacitor.

The small-signal capacitance and tand of the capac-
itors as functions of dc bias U, that were measured at a
frequency of 3 GHz are shown in Fig. 5. Two sets of
capacitors the C-V curves of which differ markedly in
parameter U, can be distinguished. High U, (=150V) is
observed for planar capacitors based on thick ceramic
filmswith x = 0.6 (capacitor 1) and thin polycrystalline
filmswith asmall barium content (x = 0.3, capacitor 2).
For planar capacitor 3 (x = 0.5) and parallel-plate
capacitor 4 (x = 0.3), Uy = 25 V. It was noted [10] that
U, in parallel-plate capacitors can be decreased to sev-
eral volts. Thus, one can vary parameter U, and, hence,
the pump power of the converter over wide limits by
varying the design, composition, and thickness of
BSTO films. In spite of elevated values of tand for
capacitors 3 and 4, just these capacitors were selected
for implementing the converter with the aim of reduc-
ing the pump power.

An up-converter (f,, = 0.8 GHz, f,; = 4.4 GH2)
intended for a50-Q termination was implemented on a
48 x 30 x 0.64-mm Rogers 3010 substrate with e = 10.2
and tand = 3.5 x 1073, The layout of the converter and
the frequency spectrum at the output of its optimized
version are shown in Fig. 6. Nonlinear capacitor C is
connected in series to the capacitive branches of paral-
lel resonant circuits produced by the inductances of
closed stubs and capacitances of linear capacitors
inserted into the gaps of the microstrip lines. Open A/2
stubs at the inputs of each of the three converter’s cir-
cuitsserve asrejection filtersfor signals at fundamental
frequency f, and at second-harmonic frequency 2f, of
the pump. The contact pad facilitates application of the
bias voltage to the nonlinear capacitor through resis-
tanceR=1MQ.

The characteristics of the converter were simulated
with computer routines intended for microwave circuit
analysis. The input data of simulation were the C-V
characteristic of planar capacitor 3 and tand = 0.05. In
simulation, the nonlinear voltage dependence of the
capacitance of this capacitor was described by the ana-
lytic relationship C(U) = C, + C,U? + C,U* + ... +
C,U% + ... containing only even powers of voltage.
Such a description is valid if hysteresis phenomena at
the initial portion of the C-V curve are neglected. We
leave thefirst eight terms of the series (k= 7).

Insimulation, theinput signal power wastaken to be

P;» = —20 dBm. The pump power was varied from —20
to +34 dBm and was limited from above by a voltage
across the nonlinear capacitor, for which the above
TECHNICAL PHYSICS Vol. 50
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approximation of the C-V curve by a power series is
valid.

Figure 7 illustrates the simulated dependence of the
output power of the converter on the bias voltage at a
pump power of +30 dBm (Fig. 7a) and on the pump
power at different biases (Fig. 7b). From Fig. 73, it fol-
lowsthat, in the pump power range considered, the con-
versiongainismaximal at U, = Uy =27V. The decrease
in the output power of the converter at U, # U, is asso-
ciated largely with amismatch of the converter’scircuit
and also with adecrease in coefficient C; in the expan-
sion of the nonlinear capacitance in the Fourier series
(this coefficient is responsible for conversion to fre-
quency f,. see expression (4) and Fig. 2). From
Fig. 7b, it is seen that the output power of the converter
is directly proportional to the pump power at P, <
+25 dBm for any Uy, The curve P,(P,) becomes non-
linear at P, > +25 dBm and U, = 20-30 V, possibly
because the depth of modulation of the capacitance
depends on the pump power only dightly near the
extremum of function F;(U,) (Fig. 2). Another reasonis
amismatch of the converter’scircuit arising when the con-
stant component of the capacitance changes under the
action of the pump power. In practice, the same effect may
be dueto heating of the BSTO film by the pump signdl dis-
sipated power (the heating of the film was disregarded in
the converter model used in the simulation).

The spectrum of the output signal from the opti-
mized converter (Fig. 6) wassimulated at U,=27V and
P, =+30 dBm. The latter value provides a pump signal
amplitude U,, across the nonlinear capacitor of 26 V. In
full accordance with the analytical results (see Sect. 1),
that conversion gain G = P,,/P;, reaches a maximum
under the condition U, = U, = Uy and its maximum
equals 1.3 dB, whichis6 dB below thevaluefor anide-
alized lossless converter.

3. EXPERIMENTAL CHARACTERISTICS
OF THE UP-CONVERTER

As follows from Fig. 6b, the output spectrum con-
tains the basic signal at fundamental frequency f,; and
also spurious components at frequencies f;, f,, and
combination frequencies. A narrow-band filter (a band-
width of 0.9%) with insertion losses of 5 dB was placed
at the output of the converter to suppress the spurious
components. Below are the characteristics of adevel op-
mental version of the converter designed for frequen-
ciesf,=0.83 GHz (S;; =—11dB), f,=3.57 GHz (S, =
—-12 dB), and f,; = 4.4 GHz (S;; = -9 dB).

The dependences of the output power of the con-
verter on the bias voltage and pump power are shownin
Fig. 8. The output power is given in relative units (is
divided by a maxima value obtained in experiments
with planar capacitors) for conveniently comparing the
measured and simulated results with allowance for
external losses (in the measuring scheme) and losses
inside the converter.

2005
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Fig. 7. Simulated dependences of the converter's output
power at frequency fy (&) on bias voltage U, at P, =
+30 dBm and (b) on pump power at different Uy, The input
signal power is P;,, =—20 dBm.

The dependence of the output power on the bias
voltage for the planar capacitor (Fig. 8) qualitatively
agrees with the simulation results (Fig. 7a). However,
the maximum of the experimental curve P, (U,) is
broader, presumably because the quality factor of the
resonant circuitsin the real converter is lower than the
model result. For the converter with the parallel-plate
capacitor, the dependence P, (Uy) also weakens near
U, = U, but does not exhibit a maximum as a result of
degradation of the capacitor's parameters when U,
exceeds 30 V with the pump signal applied. The maxi-
mal value of the conversion gain for the converter with
the parallel-plate capacitor is 3—4 dB |ower than for the
planar-capacitor device.

From Fig. 8, it follows that measured output power
Po. isdirectly proportional to pump power P, at any U,
for P, up to +30 dBm when the planar capacitor is
applied. For the converters with the parallel-plate
capacitor, direct proportionality between P, and P,
breaks at P, > +26 dBm. It seems that, in the parallel-
plate capacitor, the conversion gain is depressed by
heating of its active region due to the dissipated power
of the pump.
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Fig. 8. Experimental dependences of the converter’s output
power (&) on bias voltage Uy, a P, = +28 dBm and (b) on
pump power &t different Uy, (@) Planar and () parallel-
plate capacitor.

We roughly estimated overheating AT of the ferro-
electric film by removing heat from the BSTO film into
the substrate with cylindrical (for the planar capacitor)
and spherical (for the paralel-plate capacitor) heat
sinks. The back side of the substrate was kept at a con-
stant temperature. For a planar capacitor,

Pasrh . 2 A¢ | THTY.
2|Af[s+n>\wb'”DsD] (11)

for a parallel-plate capacitor,
_ Pasth A 1p SO
B Zs)\f[s ¥ )\stT[D/ZT HD}'
Here, A; and Ay, are the thermal conductivities of the
BSTO film and substrate, respectively; H and h are the
thicknesses of the film and substrate, respectively; sis
the gap of the planar capacitor and the length of aside
of the square electrode in the parallel-plate capacitor;
and | is the length of the gap in the planar capacitor.
Taking into account that A; = 2 W/(m K) and Ay, =
25W/(mK) [3], wefind that, with the dissipated power
being the same, the overheating of the parallel-plate

capacitor is roughly 40 times that of the planar capaci-
tor. Thus, overheating may become an obstacle for

AT =T-T, =

AT (12)

SAMOILOVA et al.

using paralel-plate capacitors in elevated-power
microwave circuits.

CONCLUSIONS

We analyzed the performance of a frequency con-
verter using a thin-film ferroelectric capacitor in
paraphase as a nonlinear element. Based on the phe-
nomenological description of the small-signal C-V
characteristic of the nonlinear capacitor, the conditions
were found under which the conversion gain reaches a
maximum. For the best values of tand currently avail-
able, the feasible conversion gain is expected to be 2.5—
8.0 dB lower than the value predicted by the Manley—
Rowe relationship.

We simulated and eval uated the performance of up-
converters built around planar and parallel-plate BSTO
capacitors. The measurements are in good agreement
with the simulation results.

In the case of using parallel-plate capacitors, over-
heating of the ferroel ectric film due to pump power dis-
sipation may limit the application of up-converters on
their basis.

The results obtained in this work may be helpful in
optimizing the circuit design of frequency converters of
this class and, specifically, the design of capacitors
involved in the device; in refining noise-measuring
techniques; and in devel oping transceiver equipment.
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RADIOPHYSICS

Orientation Dependence of the Incoherent Radiation Yield
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Abstract—The yield of incoherent bremsstrahlung due to 1.2-GeV ultrarelativistic electrons moving near
atomic chainsin crystalsisinvestigated by numerical simulation. It is shown that the el ectron distribution over
the number of close collisions with crystal atoms deviates significantly from the Poisson distribution. The sim-
ulation results are compared with experimental data. © 2005 Pleiades Publishing, Inc.

The flux peaking effect [1, 2], which is observed
when electrons move in the channeling mode, increases
the cross section of their interaction (showing up as
scattering or bremsstrahlung) with atoms in a crysta
compared with in an amorphous target. In particular,
the effect of enhanced incoherent bremsstrahlung (1B)
of 3-GeV electrons in an oriented tungsten crystal has
recently been used to increase the yield of electron—
positron pairs from an amorphous target placed behind
the crystal [3]. Earlier [4, 5], the enhanced IB of 1.2-
GeV electrons was observed in a (110) silicon crystal.

Thetheory of IB in oriented crystals has been devel-
oped by many authors [6-8]. It has been established
that the IB cross section in crystals may be represented
in the form o (w, r) = g,,(W)P(r), where g, is the IB
crosssectioninacrystal; 0,,(w) isthe IB cross section
in the amorphous state; and function P(r), being inde-
pendent of bremsstrahlung frequency w, specifies the
dependence on distance r between the electron and
atomic chain [9, 10]. Such an expression for the cross
sectionimpliesthat ariseinthe|B intensity isunrelated
to the energy of emitted photons, which is consistent
with experimental data. In [9], the IB cross sectionin a
crystal, o (w, r), calculated by the virtual photon
method was carefully compared with the results
obtained elsewhere. In this work, we numerically sm-
ulate the IB yield in thick silicon crystals with allow-
ance for dechanneling and analyze the orientation
dependence of the IB enhancement effect, i.e., its
dependence on the angle the electrons make with a
given crystallographic axis when entering the crystal.

Simulation of multiple scattering of an electron
moving in an oriented crystal has been carried out with
regard to each event of itsinteraction with | attice atoms
[10-13]. Such an approach makesit possible to find the
electron distribution over the number of scattering
events that change transverse electron energy € (inco-
herent scattering). The transverse energy isthe integral
of motion in the field of the continuous potential of an

atomic chain [14] (coherent scattering by a continuous
potential). The continuous potential raises the cross
sections of incoherent scattering and IB by a factor of
S/S(€) compared with an amorphous medium (seg, i.e.,
[15]), where S, = 1/Nd is the cross-sectional area per
chain, N isthe number of atoms per unit volume, and d
isthe least atomic spacing in the chain. The cross-sec-
tional area accessible for the electron is S(€) = 1r(¢),
where r(€) is determined from the condition U(r) = ¢,
where U(r) is the continuous potential of the atomic
chain. Factor S/S(€) arises upon averaging function
P(r), which specifies the dependence on the impact
parameter, over the accessible area with regard to the
uniform electron distribution over transverse coordi-
nates [14]. Function P(r) is assumed to have the Gaus-

sian form, P(r) ~ @(p(—rzlué). Strictly speaking, it is
also necessary to take into account factor 1 —
@(p[—rz(s)/ué] =1[15], sincer(€) > u-, whereugisthe
temperature oscillation amplitude of crystal atoms.

The cross section of incoherent scattering by an
atom was cal culated using the Moliere potential, which
givesrealistic values of the cross section in the vicinity
of the atom (r < ag, where a¢ is the Thomas—Fermi
screening parameter) and has regular asymptotics at
r — 0. Atomic chain continuous potential U(r) was
calculated from the Doyle-Turner atomic potentia
[16], which is preferable at distancesr = a. This cir-
cumstance is essential for proper calculation of acces-
sible area ¢).

The Moliere atomic potentia has the form

3
V(r) = (2 ajexp(-pir/ag), @)

i=1

wherea; = (0.1, 0.55, 0.35), 3, = (6.0, 1.2,0.3),and Z is
the atomic number of the material.

1063-7842/05/5010-1343$26.00 © 2005 Pleiades Publishing, Inc.
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Fig. 1. (o) Ratio between the numbers of electron—atom
close collisonsin the (110)Si crystal and in the amorphous
target (on the left) and (A) the number of electrons in the
channel (on the right). In the abscissa, the target thickness
is plotted in micrometers. The electron energy and initial
divergence are, respectively, 1.2 GeV and +0.56, .

Cdculated in the first Born approximation for
potentia (1), the differential cross section of electron
scattering by angle 0 is given by

0;0,206d6D(0)

(6% + B762)(6” + Bi62)

3
do = 0,02 z

k=1

)

Here, 6, = hic/(Ea) is the characteristic angle of elec-
tron scattering by an atom; E = ymc? is the electron
energy; yisthe Lorentz factor; misthe electron mass at
rest; a- isthe Thomas—Fermi screening parameter;

D(8) = 1- exp(-u?6°/azey) 3)

isthe Debye-Waller factor; ug isthe mean temperature

oscillation amplitude of crystal atoms; o, = Ttaz I is
the scattering total cross section calculated for the
screened Coulomb potential; n = 2aZ is the Bohr
parameter [17], which defines the condition of applica-
bility of the Born approximation (n < 1); and a =
1/137.

The Debye—-Waller factor makes it possible to sepa-
rate the scattering coherent component, which is asso-
ciated with scattering by the atomic chain continuous
potential. Therefore, one may say that expression (2)
describes incoherent scattering of electrons by individ-
ual atoms.

According to (2) and (3), the total cross section of
scattering by an atom is given by

3

o = oo(u/ar)” § fu 4)

k=1

KHOKONOV et al.

where

Fa’x, i =Kk
fin=10 a )
Coon (ki — i) TIn(ri/p) + % —x], P2k,

Here, x = exp(k)Ei(—4), i = (UBi/ag)? and Ei(x) isthe
integral exponent. Expression (4) specifiesthe free path
of quasi-channeled electrons (e > 0), I, = (oN)™. For
such electrons, the entire cross-sectional area, S(€) = S,,
is accessible. The free path of an electron withe <Ois,
accordingly, S/S(€) times shorter. Insilicon, [;= 1 um,
which is roughly twice as much as without considering
the Debye-Waller factor.

Let k(2) be the mean number of inelastic scattering
eventsfor electronsin atarget of thicknessz. Itisworth
comparing this value in an oriented crystal and in an
amorphous material of the same thickness. Figure 1
(the left-hand vertical axis) plots ratio [(RIIKL],, where
(kClis the number of inelastic scattering events (close
collisions) for 1.2-GeV electronsin an axially oriented
(110) silicon crystal and k[, is the number of colli-
sionsin the disordered crystal) versus the thickness. In
calculations, the initial angular divergence of the elec-
trons, AB, was set equa to +0.56,, where 6, =
(4Z€’/dE)Y? is the Lindhard critical angle [14]. The
number of close collisions in the amorphous material
was calculated by the formula [K,, = Noz with cross
section ¢ defined by expression (4).

The right-hand vertical axisin Fig. 1 plots the num-
ber of electrons at a certain depth in the channel, N.(2)
(the dashed line; cf. [18]). Of practical importance is
the effective channeling length [19]

z

Zui(2) = J'Nc(i)di- ()
0

In Fig. 1, z& = 15 pm at a crystal thickness of
240 pm. At crystal thicknesses of 20 and 1000 pm, the
effective channeling depth is 3 and 27 um, respectively.

Thus, it followsfrom Fig. 1 that, evenin arelatively
thick (z > zy) crystal, the number of eectron—atom
close collisions may significantly exceed that in the
amorphous material. At large z, ratio [KI[K(,, declines
with increasing z more slowly than by the law 1/z,
which is consistent with the statistical theory developed
in[20].

The mean number of close collisionsin an oriented
crystal, [K(z)L) does not give adequate insight into the
nature of multiple scattering, since the spread in the
number of collisions about the mean valuein the crystal
is much higher than in the amorphous material. Let
P.(2) be the probability that an electron in a target of
thickness z experiences k incoherent scattering events.
2005
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Then, the mean number of such events will be

k(20= Y kPy(2). (6)
k=0

Itisthisvalue that is plotted on the left of Fig. 1.

In the amorphous medium, quantity P(2) obeys the
Poisson distribution,

[k
Do ki), @

where [K(2)[,, = Noz and ¢ is given by (4).

Probability P,(2) that an electron experiencesk inco-
herent scatterings is shown in Figs. 2 and 3 for the 15-
and 240-um-thick crystals, respectively (the dashed
lines refer to the oriented crystals), at the same energy
and angular divergence of theelectronsasin Fig. 1. The
continuous curvesin Figs. 2 and 3 show Poisson distri-
bution (7) for the amorphous medium. The abscissa
axisinFigs. 2 and 3 plotsratio k/[K[},,; the ordinate axis,
distribution P, multiplied by &[], Thus, the distribu-
tionsin Figs. 2 and 3 are normalized to unity. It is seen
that distribution P,(2) in the crystal deviates signifi-
cantly from Poisson distribution (7) because of factor
S/9€). Namely, the former has a long tail at a large
number of close collisions. At thicknesses z ~ z« in the
crystal (Fig. 2), the number of collisions decreases
sharply for K/K[], < 1. Note that the maximum of the
distribution in the oriented crystal exceeds that in the
amorphous medium. In thick targets (z > zyqy, Fig. 3),
conversely, the distribution peak in the amorphous tar-
getishigher thaninthecrystal, thetail inthethick crys-
tal being more pronounced than in the thin one.

The number of photons emitted within a given fre-
guency interval per unit length in an amorphous target
is given by the Bethe—Heitler formula

P«(2) =

d’ny,
dudz ~

- 4 Sk
n,,(u) = 3Lu%[—u+4u o (8
where UL = 4072r;NIn(183Z-23), L is the radiation
length, u = AWE, and r, = €4/mc2.

The IB cross section for an electron with given

transverse energy € in an oriented crystal is expressed
through cross section (8) for an amorphous medium as

N =N, SY/Se).
Free path z, between two successive radiation events

is found from the formula for probability W that an
electron will emit no photons over length z,,

EA

W(z,) = exp{—fn(z‘)dz}. 9)
0

Here, the dependence of the total probability of radia-
tion per unit length, n, on penetration depth z takes into
TECHNICAL PHYSICS  Vol. 50

No. 10 2005

1345
4+
(@]
]
3+ n
n
1
1
[
1
2+ [
[
|
1
1
0 0.5 1.0 1.5 2.0 2.5
kRO,

Fig. 2. Probability distribution for the number of close col-
lisions for 1.2-GeV electrons in the 15-um-thick (110)Si
crystal (dashed ling). The abscissa plots the number of col-
lisions in terms of their mean value for the amorphous tar-
get. The continuous line shows the Poisson distribution in
the amorphous target. The initial angular divergence of
electronsis+0.56, .
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Fig. 3. The same as in Fig. 2 for the 240-um-thick silicon
crystal.

account the fact that this quantity in an oriented crystal
is related to the electron transverse energy and this
energy changes after multiple scattering.

The total probability of radiation per unit length, n,
is found by integration of formula (8) over frequencies
starting from some minimal frequency uy,. In our cal-
culations, U, Was set equal to 0.01.

Figure 4 compares the calculated IB vyield in the
240-um-thick (110)Si crystal with experimental data
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Fig. 4. Ratio between the IB yieldsfor 1.2-GeV electronsin
the 240-pm-thick (110)Si crystal and in the amorphous tar-
get: () data points [4] and () analytical data. The initial
angular divergence of electronsis +0.56, .

[4] for electrons with an energy of 1.2 GeV. Thefilled
symbolsin Fig. 4 are data points; the empty ones con-
nected by the continuous line refer to the numerical
simulation. The ordinate axis plots the ratio between
theIB intensitiesin the crystal and amorphous medium.
Note that in the experimentsin [4], just the incoherent
part of the spectrum was measured. In thiswork, the IB
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Fig. 5. (2) Anadytical and (o) experimental [5] data on the
IB yield for 1.2-GeV electrons in the 500-um-thick (110)Si
crystal. The abscissa axis plots the photon energy; the ordi-
nate axis, the ratio between the IB intensities in the crystal
and in the amorphous target. The initial angular divergence
of electronsis+1.36, .

KHOKONOV et al.

intensity in the amorphous medium was al so cal cul ated
by numerical simulation. The 1.5-fold excess of the
intensity in the crystal over that in the amorphous mate-
rial (as demonstrated in Fig. 4) isin exact coincidence
with the excess of the number of close callisionsin the
crystal (z= 240 ym, Fig. 1). Thus, from Fig. 1, one can
judge how much the IB intensity in the crystal target
exceeds that in the amorphous target at different target
thicknesses. For example, in the 15-pm-thick crystal,
the IB intensity is roughly 2.4 times higher. Although
the datapointsin Fig. 4 lie somewhat above the analyt-
ical values, the calculation and experiment arein fairly
good agreement. Hence, the supposition that factor
S/9€) differentiates the oriented crystal from the
amorphous medium is valid.

In [5], IB was measured in 500-um-thick (110)Si
crystals for awidely divergent electron beam (~1.36,)
of energy 1.2 GeV. Figure 5 compares our calculation
results (empty symbols) with experimental data (filled
symbols) when the electron beam axis runs parallel to
the [110[Hdirection in the crystal. The high excess of the
experimental data over the calculated values in the soft
part of the spectrum is due to coherent scattering [21]
in the atomic chain continuous potential, which was
disregarded in the calculation. It isseen from Fig. 5 that
the excess in the case at hand (for photon energy #w >
200 MeV) is=1.2 times.

Figure 6 illustrates the orientation dependence of
the B yield (the photon energy is 1.05 £ 0.03 GeV) for
electrons in the 500-um-thick silicon crystal (E =
1.2 GeV). The abscissa axis plots the angle (in degrees)
between the electron beam and the [1100direction in

14+
12“‘0‘\\
o .
le) A
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© ) S
00 4 A .
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1.0 O 5o 00 O &
1 1
0'80 0.1 0.2

deg

Fig. 6. Orientation dependence of the IB yield for 1.2-GeV
eectrons in the 500-um-thick (110)Si crystal: (0) data
points [5] and (A) analytical data. The abscissa axis plots
the angle between the electron beam axis and [110Ccrystal -
lographic direction. The angular divergence of the electron
beamis+1.30, . The dashed lineisdrawn for the divergence
+0.26, .
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the crystal (8, = 0.024° in this case). Here, the empty
symbols are data points [5] and thefilled symbols show
the results of our calculation. The angular divergence of
the electron beam is=1.30, . At small angles, the exper-
iment and calculation are in good agreement, while at
angles on the order of several critical channeling
angles, the analytical curve goes above the experimen-
tal one. The dashed curve in Fig. 6 is drawn for a
smaller angular divergence of the electrons, =0.26, .
The discrepancy between the analytical and experimen-
tal datain the range (2-3)6, isasurprisein view of the
good agreement observed for the parallel arrangement
of the beam axis and [110CIcrystallographic axis. This
discrepancy cannot be explained by photon collima
tion, since in [5] the output energy of the electrons was
measured. In light of this, one should bear in mind that,
in the case of inclined incidence of electrons, high
coherent scattering by the atomic chain continuous
potential takes place with the transverse energy of the
electrons preserved. Then, the electron angular distri-
bution at the exit from the target is no longer azimuth-
symmetric [22, 23] and so it remains unclear whether
al the eéectrons in the experiment [5] fell into the
detector in the angular range (2-3)6, .
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Abstract—When atomic rows in a crystal layer are used to focus a beam from an electron microscope, the
intensity distribution behind the crystal represents a grating of narrow peaks with diameters from 0.03 to
0.04 nm in the first Fourier plane. A scheme of scanning transmission electron microscopy (STEM) with such
agrating issimulated that makesit possible to reconstruct the transmission function of an object from the signal
recorded. The reconstruction quality depends on the type and amount of distortions. Distortions due to the fol-
lowing two factors are simulated: random noise imposed on the signal detected in the experiment and the lack
of information about the wave incident on the object because of uncertainty involved in the width of the electron
beam striking the focusing crystal. The range of distortions within which the object can be reconstructed with
atolerable quality is determined. © 2005 Pleiades Publishing, Inc.

INTRODUCTION

Theideaof an atomic lensin corpuscular optics has
been proposed and elaborated upon in [1-14]. The
essence of this concept is the formation of narrow
crossoversof corpuscular (electron, atomic, etc.) beams
focused by various atomic- and nanometer-scale sys-
tems, the simplest example of which is an atom. The
methods based on this concept hold promise for many
applications, including microscopy. For example, it has
been theoretically shown [1, 6] that single heavy atoms
or columns of atomsin athin crystal may act asalens
focusing an electron beam into a spot several tens of
picometers across. This speculation has been experi-
mentally supported in [2], where one of the schemes
described in [6] provided aresolution of 0.06 nm using
atransmission electron microscope (TEM) with areso-
[ution of no higher than 0.34 nm.

If the diameter of an electron beam incident on a
focusing crystal is wider than the atomic row spacing,
the pattern resulting behind the crystal represents a
grating of narrow intensity peaks several tens of picom-
etersin size. By scanning such agrating over the object,
one may basically reconstruct the image with a resolu-
tion comparable to the peak diameter.

In this study, we numerically simulate image recon-
struction based on such scanning.

The schematic of the system under study isshownin
Fig. 1. The simulation procedure includes three stages:
(1) propagation of a TEM beam through athin crystal
layer, (2) propagation of the transmitted beam from the
crystal to an object to be visualized (it is supposed that

the wave travels in a vacuum at this stage), and
(3) image reconstruction from the wave scattered by the
object as aresult of scanning.

1. PROPAGATION THROUGH A CRY STAL

Electron beam channeling in acrystal was simulated
using Earl J. Kirkland's software package. It utilizesthe
Cowley—Moodie multislice simulation technique [15],
which iswidely used for simulation in electron micros-
copy. For example, beam channeling in a 6-nm-thick
gold crystal (15 unit cells aong the [100] crystallo-
graphic direction) was considered in [4]. In this work,
the parameters of the beam are typical of a TEM: the
electron energy is 100 keV; angle of convergence,
10 mrad; and the minimal diameter in the crossover,
about 0.2 nm.

Calculations made for different shifts of the initial
beam axisfrom a sel ected column of atoms showed that

Crystal Specimen
000000
000000 =
000000 -
STEM 000000 - -
beam 000000 -
000000
— 00000 O|m= -

Fig. 1. General picture of the experiment.
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IMAGE RECONSTRUCTION BY SCANNING A CRYSTAL

a narrow (30 pm in diameter) crossover forms behind
the crystal with a maximal intensity approximately
0.2 nm distant from the last atom in the column. The
output intensity profile is firmly related to the axis of
the column and does not change upon shifting the ini-
tial beam. When the beam covers a neighboring chain,
a satellite focus (intensity peak) appears. The peaks do
not broaden upon shifting the beam.

To analyze a grating of focuses, we calculated the
transmission of a wider primary beam. Figure 2 com-
pares the intensity profiles over the cross section of a
beam leaving the TEM (the energy 300 keV, angle of
convergence 0.5 mrad), at the exit surface of a 6-nm-
thick gold crystal (15 unit cells along the [100] crystal-
lographic direction), and in the crossover with a mini-
mal diameter of about 1.6 nm. The profiles were calcu-
lated by the multislice method.

2. PROPAGATION THROUGH VACUUM

Aswas mentioned above, the beam leaving the crys-
tal forms a narrow crossover with a maximal intensity
located several tenths of ananometer away from the last
crystal atom. Sincethe surface of areal crysta isrough,
scanning at such a close distance to the crystal surface
is hardly possible. Practically, the gap between the
crystal and crossover depends on the surface rough-
ness; therefore, conditions should generally be pro-
vided under which the crossover is as distant from the
crystal as possible. A method to overcome these diffi-
culties was suggested in [5]. The Fourier principle of
planes, which iswell known in wave optics, saysthat an
infinite grating of point coherent sources periodically
arranged in aplane (with their spatial intensity distribu-
tion described by the delta function) is periodically
trandated in space (i.e., divergent rays are focused
again with a certain spatial period).

However, if the grating is finite and sources are non-
point (in our case, the peaks have a finite width and
height), the signal in each subsequent focusing plane
becomes more and more distorted. Hence, it follows
that the larger the number of crystal rows covered by
the TEM beam, the higher the reproducibility of the
beam in the Fourier planes (it can be reproduced even
in the zeroth-order plane). On the other hand, when the
incident wave carries a large number of peaks, noise,
which isinevitable in real experiments, may adversely
affect the image reconstruction. Thus, one has to
choose an optimal number of peaks that would provide
for periodic beam focusing with small distortions, at
least in the first focusing plane, and still offer areason-
ably high accuracy of image reconstruction.

For point sources, the distance to the Fourier planes
can be calculated by the well-known formula[5]

na’

R= o (@
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Fig. 2. Intensity distribution (1) in the first Fourier plane,
(2) near the exit crystal surface, and (3) over the cross sec-
tion of the TEM beam.

where R is the distance to a Fourier plane, a is the
source spacing, n is the number (order) of the plane,
and A isthe wavelength.

For afinite grating and nonpoint sources, the Fourier
planesturn out to be displaced relative to their positions
in the ideal case. Our calculation shows that this dis-
placement isinsignificant (at |east, for the beam config-
urations considered here).

Calculation by formula (1) for a 300-keV €electron
beam striking a gold target with a = 0.2 nm yields dis-
tance R = 9.3 nm to the first Fourier plane. Advanced
technologies allow for placing and moving a specimen
at such asmall distance from the crystal.

After the beam has left the crystal, the wave can be
found as a convolution over transverse coordinates r
with avacuum propagator given by [6]

p(r,2) = ~—expkZ+ 1T @

where A isthe wavelength and k is the wavenumber.

This expression is valid as long as the range of lon-
gitudinal coordinate z far exceeds the ranges of the
transverse coordinates.

Figure 2 shows the intensity profile in the first Fou-
rier plane that was obtained by the convolution of the
output wave with vacuum propagator (2).

3. IMAGE RECONSTRUCTION

Theimage of an object can be obtained by scanning
it with electron beam 1 (Fig. 2) produced as described
above. However, the specimen visuaization quality
depends on anumber of factors, some of which are con-
sidered below. If the specimen is scanned by one nar-
row peak (ideally, in the form of the deltafunction), the
distortions in the reconstructed image will be minor
(the closer the peak’s shape to the delta function, the
smaller the distortions). However, when the number of
focuses (peaks) is large, the images from each of the
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Fig. 3. Initial object (on the left), result of scanning (in the
middle), and reconstructed image (on the right).
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Fig. 4. Reconstructed images of the pattern described by
function f (Fig. 3) for Arq = 0.15 (on the left), 0.25 (in the
middle), and 0.30 nm (on theright). Function g is character-
ized by Arq =0.25 nm.

focuses superimpose and the resulting pattern becomes
fuzzy.

Let wave w(X, y) strike an object with transmission
function v(x, y), where (x, y) are the coordinates in the
object plane (i.e., transverse coordinates r in formula
(2) for the vacuum propagator). According to [5], the
output wave in the plane behind a thin object (in which
diffraction can be neglected) is given the product wv
and itsintensity can be expressed as R' = gf, whereg =
Wj? and f = |V2.

Therecorded signal isgivenby R= J’ IR’ (%, y)dx dy,
F

where F isthe domain occupied by the object. In accor-
dancewith [5], v = exp(-icU), where 6 = mk (misthe

electron mass, k is the wavenumber), U(r) = _ V(r,

2)dz is the so-called projected potentia distribution,
and V is the scattered potential. Thus, given f =
exp(201m(U)), one can find the imaginary part of the
projected potential of the object,

Im(U) = %oln(f).

The imaginary part of the complex scattered poten-
tial corresponds to absorption in the object [16]. Thus,
the absorptivity of the object is embodied in function f.

Scanning of the object by the incident wave can evi-
dently be represented by the convolution

g0 f = R 3)

Here, R(AX, Ay) is the function of displacements
(Ax, Ay) associated with scanning.

REZIKYAN, SMIRNOV

With g and recorded signal R known, to reconstruct
f meansto carry out deconvolution in (3). Thisis done,
first, by applying the Fourier transformation to Eq. (3),

Flg0 f] = FIRI O _FIR
FlgO f] = FlgFIfl g Fldl

and then applying the inverse Fourier transformation to
resulting equation (4),

According to (4), any point where the value of func-
tion F[g] is small is a singular point of function F[f];
thus, the regularization procedureisrequired, for exam-
ple, intheform

Ff] (4)

0Q = = if|F[g]| <reg
f = FFRQE (5)
= % otherwise,

where reg is the regul arization parameter.

Basically, the processes of recording and recon-
struction may be simulated using the multislice
method, as described in Sect. 1. Such an approach gives
aclose approximation to areal wave. However, for pre-
liminary qualitative analysis, less elaborate models are
preferable.

Model function g was taken in the form of a mesh
function in which nodes the Gaussian functions

2TUAT exp(—=0.5r/(Ar)?)

(wherer = 4/x* +y*) modulated by the Gaussian enve-
lope exp(—?/(Ar,)?) are set; i.e.,

n m m o
9=02 > &
|:iJ:—mj:—m
2

Oaelr(x+idy+jd)pd O 2 0O
x exp=-0.5 (exp+ .
PO (Ar)? U5 pD(Arl)%

In numerical simulation, we put Ar = 0.04 nm (the
result of multislice simulation of the peaks in the first
Fourier plane) and set the node spacing equal to 0.2 nm
(which correspondsto the gold crystal). It was assumed
that, at the stage of reconstruction, we will use function
R determined from areal experiment and distribution g
obtained by the multislice method (curve 1 in Fig. 2).
The envelope width used in the simulation, Ar; =
0.25 nm, corresponds to a 0.5-nm-wide primary beam
that forms a grating of nine intense peaks and many
weak peaks.

Model transmission function f isshown on theleft of
Fig. 3. Such atest pattern is easily discernible and has

TECHNICAL PHYSICS Vol. 50 No. 10 2005



IMAGE RECONSTRUCTION BY SCANNING A CRYSTAL

Fig. 5. Reconstruction of the noisy image. The noise param-
etersaree =(a) 0.03, (b) 0.05, (c) 0.09, and (d) 0.11 nm and
3=(a) 0.5, (b) 2.0, (c) 5.0, and (d) 6.0%.

atypical feature size of 0.6 nm, whichiscomparablein
order of magnitude to the probe width, Ar = 0.04 nm.
The pattern to be reconstructed is of no concern for or
the simulation process. The simulated areais4 x 4 nm.

The need for image construction from the detected
signa follows from Fig. 3, which shows a result of
scanning.

When simulating, we al so revealed factors that limit
the scope of visualization.

Since the width of the TEM beam intensity distribu-
tion can never be known exactly, width g of the grating
envel ope cannot be determined accurately. For thisrea-
son, the intensity distribution in the wave incident on
the object is simulated by another grating ¢', the enve-
lope width of which differsfrom thetruevalue. It there-
fore makes sense to see how the reconstruction quality
depends on the difference between the envelope width
used in reconstruction and its true value, as well as to
determine the associated range of discrepancy
(between the true envelope width and the envelope
width of grating g') that allows visualization with a
desired quality.

Table
€, Nm B, %
0.03 0.5
0.05 20
0.09 5.0
0.11 6.0
TECHNICAL PHYSICS Vol. 50 No. 10 2005
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In real experiments, there invariably exist factors
distorting the signal recorded. These may be vibration
due to scanning, foreign particlesin the detector, a drift
of the TEM beam, pollution of the scanning chamber or
specimen, thermal drift, damage to the specimen, etc. It
is therefore important to determine the amount of dis-
tortions that makes visualization with a desired quality
possible. A tolerable amount of distortions can be
found only experimentally. As a simple source of dis-
tortions, we consider random noise superposed on the
signal.

First, we studied the reconstruction quality versus
the regularization parameter (see formula (5)). The
highest quality was obtained for a regularization
parameter of the order of 10-3. This value was used in
the following calculations.

To simulate uncertainty in specifying wave g, the
recorded signal was found by formula (3) and, at the
stage of reconstruction, function g in (5) was substi-
tuted for by function g', which differs from g in the
value of parameter Ar,. Theresultsare shownin Fig. 4.

When the effect of noise was simulated, recorded
signa (3) was mixed with random noise components
having various spatial frequencies (or periods €) and
amplitudes 3. The corresponding numerical results are
giveninFig. 5, where noise amplitude B isexpressed in
percentage of maximum signa R.

CONCLUSIONS

In thiswork, we found the STEM parameter ranges
that provide a tolerable accuracy of image reconstruc-
tion by scanning an electron-beam-produced grating of
atomic lensfocuses. In particular, thewidth of the enve-
lope of the incident wave intensity distribution peaks
must fall into the range Ar; = 0.15-0.30 nm (the true
width is Ar; = 0.25 nm). Maximum noise amplitudes 3
that allow a reasonable visualization quality are listed
in the table for various spatial frequencies € of noise.

The results obtained may serve as tentative data in
design of experiments.
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Abstract—The dynamic characteristics of field emission from nanocarbon films subjected to microsecond
electricfield pulsesare studied. The emission curves exhibit hysteresisthe parameters of which are complicated
functions of the pul se amplitude, length, and shape. The experimental results are explained based on a phenom-
enological model that assumes two-stage emission involving shallow acceptor levelslocalized near the emitting

surface. © 2005 Pleiades Publishing, Inc.

INTRODUCTION

The recent progress in fabrication of effective cold
cathodes is mainly related to the use of nanodisperse
carbon films (such as nanotubes, fulleroids, nanodia-
monds, nanographites, etc.) serving as distributed field
emitters of electrons [1-8]. According to the published
data, the mean emission current density in such systems
may exceed 1 A/cm?, with emission becoming appre-
ciable (e.g., 1 pA/cm?) even in electric fields under
1 kV/mm (without regard to its enhancement due to the
surface microrelief). The reasons for such ahigh emis-
sivity of carbon materials are not yet fully understood.
They are the clearest in the case of carbon nanotubes,
where the decisive factor is considerable “geometric”
enhancement of the field. The existing models explain
not only the high values of the emission current from
nanotubes but also fine effects, such as the deviation of
the emission characteristics from the Fowler—Nord-
heim law at high currents[9]. At the sametime, to gain
insight into emission from nanocarbon films, whose
surface structure cannot tangibly enhance thefield, isa
great challenge. The work function of carbon filmsis
rather high (4.0-4.5 eV), and so their high emissivity
has not yet found sound explanation. Nor have mecha
nisms underlying a number of phenomena typical of
carbon films, such as hysteresis of the emission charac-
teristics [10—-13] and arise in the emissivity upon ther-
mal—field treatment [14], been understood.

Below, we present the results of experiments per-
formed under typical operating conditions of advanced
field-emission cathodes. The electric field was gener-
ated in a wide emission gap by applying a constant
and/or pulsed potential difference up to 50 kV. The
emitted electrons were taken out of the gap into afield-
free region. During the measurements, the residual gas
pressure was kept at alevel of (3-10) x 10~ Torr.

EXPERIMENTAL

The field-emission cathodes under study were made
from two types of nanocarbon materias. (1) nanopo-
rous carbon obtained by chemical extraction of silicon
from silicon carbide at the Prikladnaya Khimiya Fed-
eral State Unitary Enterprise [14] and (2) powder of
astralenes (heavy fulleroids with particles about
100 nm across) prepared by Astrin Holding Co.) [15].

The powders were fixed on the cathodes by electro-
phoresis, sintering in a ceramic matrix, or using a
binder. After achamber with the sample had been evac-
uated, the sample was annealed at 200—-300°C and then
subjected to therma—field activation (for details,
see[14]).

The setup used to measure the pul sed emission char-
acteristics of distributed field-emission cathodes is
schematically shown in Fig. 1. Emitter 1 with heater-
activating emitter 2 is fixed behind a hole of diameter
3.3mm in thin-walled (0.2 mm) protective electrode 3.
The surfaces of the emitter and protective electrode
form the cathode of a quasi-plane emission gap. The

Fig. 1. Experimental setup for taking pulsed emission
curves.

1063-7842/05/5010-1353%$26.00 © 2005 Pleiades Publishing, Inc.



1354
U, kV I, uA
(a)
30 <4100
U*
U
15 50
£
Uy Liown(U )
| 1 Ly(U")
] |~
0 20 40 60 80 0
t, Us
log (1/U%)
b
13k % (b)
g Liown
%})o %%El;cg
%oo &&mc)o o
—14r % o0
o O\\Iup
. o
(1{U ) po @ 1 1
40 50 60 70

(1/U) x 1075, 1/V

Fig. 2. (a) Typica waveforms of the voltage across the
emission gap and of the emission current and (b) corre-
sponding emission curve 1(U) plotted in the Fowler—Nord-
heim coordinates. The emitter is a nanoporous carbon film.

gap width can be varied from 1.5 to 5.0 mm. Emission
current collector 4 is placed inside anode 5 behind a
hole 2.5 mm in diameter. Such an arrangement of the
probing electrode eliminates the contribution of the
emission from the protective electrode and consider-
ably suppresses the contribution of capacitive crosstalk
to the pulsed current signa recorded. The remaining
portion of the capacitive current (crosstalk) was sub-
tracted from the recorded signal at the stage of data pro-
cessing.

HY STERESIS OF THE EMISSION
CHARACTERISTICS IN THE CASE
OF “SMOOTH” VOLTAGE PULSES

Typical waveforms U(t) of the voltage across the
emission gap and of the current of collector 4, I(t), in
the case of smooth bell-shaped applied voltage pulses
are shown in Fig. 2a. A pair of such waveforms allows
one to construct two |-V characteristics for the cases
when the voltage rises and drops. We will call them the
forward and backward branches of the emission curve
and denote them as |,,(U) and l44,,(U), respectively.
The data taken of the nanocarbon films under study
show a considerable divergence of these branches (hys-
teresis of the emission curve).

Figure 2b demonstrates the emission curve for the
above pair of waveforms that is plotted in the Fowler—
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Fig. 3. Variation of the emission curves with the applied
voltage parameters. (a) Curve 1, which is the curve plotted
inFig. 2, vs. curves 2 and 3 obtained at the same amplitude
and shape of the voltage pul sed component but lower values
of voltage constant component Uy, and (b) emission curves
taken for voltage pulses with differing widths of their flat
top. Thewaveformsof the pulsesare shownintheinset. The
emitter is a nanoporous carbon film.

Nordheim coordinates. The straight lines 1,,(U) and
| sown(U) count in favor of the field mechanism of emis-
sion. According to the theory, the difference in their
slopes may be viewed as evidence of arapid changein
the emission center parameters (work function W,
effective emitting area, and/or field enhancement coef-
ficient B) at the instant the rise in the field switches to
its decrease. For any fixed voltage U*, ratio
laown(U*)/1,o(U*) > 1, which indicates emitter activa-
tion during the pulse.

The experiments showed that the amount of hyster-
esis (which can be evaluated, eg., through ratio
l4own(U*)/1,5(U*)) depends on both the emitter proper-
ties and measurement conditions. Figure 3a illustrates
the variation of the emission curve with constant bias
voltage U,. As U, as well as the maximal voltage and
current (over the pulse), increases, the backward branch
of the emission curve shifts amost parallel to itself
toward the high current range. Sincethe forward branch
remains virtually the same, one can state that the
amount of hysteresis grows with the applied field and
extracted current.

TECHNICAL PHYSICS Vol. 50
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HYSTERESIS OF PULSED CHARACTERISTICS

Such an increase in the emissivity of the samples
during the pulse could be related, e.g., to arise in the
temperature of emission centers, reconfiguration of
these centers under the action of thefield, or desorption
of gases from the surface. In any of these cases, one can
expect that the activated state of the emitter will persist
for a certain time after the current has been terminated
and the amount of hysteresis will grow with the pulse
width. However, experiments did not support these
assumptions. Figure 3b illustrates that the emission
curves taken for an extended voltage pulse (extended
plateau where U(t) = const) remain invariable. To mea-
sure the time within which the emission centersremain
in the activated state, we carried out experiments using
a pair of identical voltage pulses of duration T = 3 s
with delay At between them ranging from 10 to 500 pis
(Fig. 4a). It turned out that, as the delay decreases to
At = 1, the initial section of the emission curve due to
the latter pulse remains unchanged; i.e., the emitter
becomes deactivated immediately after the current has
been switched off. Figure 4b shows the case At < T,
when both voltage pul ses merge into asingle pulse with
two maxima. These plots make it possible to estimate
the time interval within which the emitter passes into
theinactive state (i.e., to the forward branch of the char-
acteristic) after the voltage again starts rising from the
dip between the peaks. This time does not exceed 5 pis,
which is much shorter than the time taken to maintain
the elevated emitter activity at amonotonic decay of the
voltage at the end of the pulse. Thus, the characteristic
time for which the system “memorizes’ its state cannot
be determined unambiguously. Thistime could beiden-
tified with the time of emitter cooling, time of recovery
of itsinitial structure, time of deposition of agas mono-
layer, etc. However, none of these speculations can
explain the phenomenon of fast recovery of the emitter
into the initial inactive state when the current is termi-
nated or the applied voltage is increased. It seems that
the emission mechanism described below might be
helpful in theoretical comprehension of the experimen-
tal data obtained.

TWO-STAGE MECHANISM OF EMISSION
FROM CARBON FILMS

L et us suppose that the most effective mechanism of
field emission from the films under study is indirect
electron transfer from the conduction band of the emit-
ter to a vacuum through intermediate states localized
near the surface. Energy levels X corresponding to
these (initially vacant) surface acceptor states lie
between the Fermi level and the level of avacuum, 0 <
Xs < W (Fig. 5). Their physical origin here is of no
importance: they may be, e.g., surface electron states of
graphite particles, levelsin the conduction band of dia-
mond or amorphous inclusions, etc. [3, 11, 16]. We
assume that the emission current from these surface
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Fig. 4. Emission curvestaken of the nanoporous carbon film
using apair of voltage pulses 1 and 2. Thedelay betweenthe
pulsesis At = (a) 100 and (b) 20 ps.

Fig. 5. To the model of emission mechanism: |, emitter vol-
ume; |1, acceptor energy levels in the surface layer of the
emitter; 111, vacuum; and IV, anode. In the absence of volt-
age acrossthe emission gap (dashed line), U = 0, Ug=0, and
Ng=0.

states into a vacuum is described by a formula similar
to the Fowler—Nordheim formula,

ly = AN UZexp(-ax3?/U), )

whereaand A (aswell asb, B, ¢, and C used below) are
constants and N is the number of intermediate states

occupied by electrons.
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ment with areal voltage pulse (Fig. 4b) vs. (2) the result of
numerical solution of Egs. (1)—4).

Quantity Ng can be determined from the difference
between the currents from the bulk to the surface, |,
and from the surface to a vacuum, |,

N, = ij(lbs—lsv)dt. @

Electron transfer between the volume and surface
stateswill be described by an asymmetrical (e.g., expo-
nential) 1-V characteristic,

lbs = B(exp(bUy) -1). ©)

Quantity Ug hasthe dimension of voltage and can be
viewed as a measure of variation of the energy position
of the intermediate levels relative to the Fermi level in
the emitter volume. This variation depends on two fac-
tors: penetration of the external electric field into the
emitting film and charging of the film surface upon fill-
ing the acceptor levels. Accordingly,

U, = U/c—eNJC. 4

With the constants chosen appropriately, solutions
to the system of Egs. (1)—(4) simulate the emission
dynamics with a reasonable accuracy, including the case
when voltage pulses are of an intricate shape (Fig. 6).

Based on the simulation results, one can describe
the hysteresis observed experimentally in the following
way. The emission current grows with the voltage
applied to the emission gap (forward branch |,,,(U) of
the emission curve), because the surface barrier
becomes more transparent and al so because the surface
levels are filled with electrons (N rises) when the
energy positions of these levels change. By contrast,
when the current drops, backward branch | 45,n(U), Ng
remains nearly constant. If the voltage declines at a suf-
ficiently high rate, electron escape into a vacuum can-
not be regarded as an effective mechanism of electron
emission from the intermediate states, since the emis-
sion current decreases with decreasing applied field.
The curve I((Uy) is asymmetric by virtue of Eq. (3);

ARKHIPOV et al.

therefore, € ectron transfer to the emitter volumeisaso
ineffective. Thus, the elevated emissivity of the samples
at thetrailing edge of the voltage pul se can be explained
by high population N of the intermediate states. Its
value depends on the history, i.e., on the current and
voltage attained during the pulse. The electrons may
stay on the intermediate levels only if Ug < 0 (Eg. (3)).
According to (4), this condition is provided by the
action of the self-field of the excess (for agiven externa
field) surface charge. When the voltage grows again,
the condition U, < 0 is quickly violated and electron
exchange between the intermediate states and volume
is regained (the volume-surface transition “opens’). In
other words, we return to the forward branch of emis-
sion curve [ (U).

EMISSION ACTIVATION BY A RAPIDLY
DAMPED ELECTRIC FIELD

From comparison of the experimental dataand sim-
ulation results, we can conclude that the model pro-
posed adequately describes the situation in a wide
range of voltage pulse widths and amplitudes. The dis-
crepancy between the model and experiment arises
when the rate of change of the field exceeds a certain
limiting value. In this case, the shape of the pulsed
emisson characteristics changes dramatically.
Figure 7a compares the data obtained for voltages
pulses 1 and 2 with almost identical amplitudes and
widths, which differ in that voltage 2 applied to the gap
decreases starting with a shallow but abrupt drop (the
dashed areas in the waveform and emission character-
istic). During this short time period and in severa
microseconds after it, the emission current continues to
grow with decreasing voltage. The delay between the
voltage and current maximafor the given pulseis about
8 ps. In the Fowler—Nordheim coordinates, thisinterval
correspondsto that portion of the characteristic running
roughly paralel to thelinel = const (a shift to the right
and upward). Thisportionisabsent in the characteristic
obtained for “smooth” pulse 1. The discrepancy
between these two characteristics that has been accu-
mulated for thisrelatively short time period persists up
to the applied voltage pul ses are switched off. Thus, we
can statethat theinterval of the fast electric field damp-
ing has a long-term activating effect on the emission
from the samples. In this case, the hysteresis of the
pulsed emission characteristic becomes more pro-
nounced, but its main features (such as the dependence
of the amount of hysteresis I o,,(U*)/I,,(U*) on the
maximal current and voltage values during the pulse
and the stability of the dope of the backward branch
(Fig. 7b)) are retained. In terms of phenomenological
model (1)—(4), the observed parallel shift of the emis-
sion curve backward branch should be related to a fur-
ther increase in intermediate electron states population
N, rather than with the variation of the emission centers
properties (which specify the slope of the backward
branch). Interms of our model, this phenomenon can be
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explained of theinhomogeneity of the emitter surfaceis
taken into account.

Equations (1)—(4) are written on the assumption that
electrons are emitted from a single emission center or
from an ensemble of emission centers with similar
characteristics. Actually, the surface of the film emitters
under study is formed by nanoparticles of different
shape and electronic structure [14]. However, both
these statements do not necessarily contradict to each
other. Let us assume that a major part of the emission
current flows through active emission centers that are
nanoparticles or their complexes. We also suppose that
the shape and arrangement of the particles (complexes)
provide a highest geometric amplification of the
applied electric field, while the electronic structure of
the centers involves the highest surface acceptor levels
(which are characterized by lowest el ectron affinity xJ),
which serve as intermediate electronic states for field
emission. For particles with deeper acceptor levels,
emission, at the same electric field amplification, will
be weaker because of a lower transparency of the
energy barrier between the intermediate levels and vac-
uum. However, occupation of such nonemitting centers
by electrons from deeper acceptor states in the bulk
may begin at a lower strength of the applied field and
result in the accumulation of a larger number of elec-
trons on these centers. For a stationary or slowly vary-
ing electric field, these electrons insignificantly con-
tribute to the emission. The electric field component
paralel to the emitter surface acts on the electrons in
the surface layer and collects them at the sites of field
enhancement (at protrusions on the emitter), thereby
separating these sites from each other. However, when
the field abruptly decreases, the efficiency of such a
separation drops and Coulomb repulsion of the elec-
trons accumul ated on the surface statesin certain emit-
ter regions (primarily, at the nonemitting sites of field
enhancement) may cause their redistribution in favor of
the emitting centers. In our opinion, it issuch aredistri-
bution of the electrons over the inhomogeneous nano-
carbon film surface under the action of a nonstationary
electricfield that caused along-term risein the emissiv-
ity after the voltage across the gap had been drastically
decreased [13].

EFFECT OF THE VOLTAGE PULSE SHAPE
ON EMISSION CHARACTERISTICS

The model dependences of the emission characteris-
tics on the parameters of voltage pulses applied to the
emission gap were verified in experiments with anum-
ber of carbon films.

According to formula (1), if the rate of fall of the
voltage suffices to fulfill the condition N, = const, the
slope of the backward branch of the emission curve
plotted in the Fowler—Nordheim coordinates is bound
to depend on only the emitter properties and to be inde-
pendent of the parameters of the pulse. Figure 8 com-
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Fig. 7. (&) Emission curves taken of the nanoporous carbon
film for (1) a smooth bell-shaped voltage pulse and (2) a
voltage pulse containing a rapidly descending portion
immediately after the maximum (dashed area by the wave-
form and emission curve). (b) Emission curves obtained for
different constant bias Uy, with the shape and amplitude of
the pulsed component of the voltage remaining the same.
The waveformsin the inset correspond to the pulse with the
largest value of Uy The source of emission is a small
amount of astralenes appearing on the surface of the protec-
tive electrode (stainless steel) as a result of diffusion from
the sample.

pares the results obtained for one of the samples when
voltage pulses of different amplitude (Fig. 8a) and
width (Fig. 8b) were applied to the gap. In spite of dif-
ferent rates of voltage variation, the dope of the back-
ward branchesin the two curvesisthe same. The situa-
tion with the forward branch is much more compli-
cated. For instance, if the leading edge of the pulse is
5 us wide (Fig. 8b), the rectilinear portion of the for-
ward branch remains almost unresolved, since the
emission current is detectable only near the maximum
of the voltage (and increases approximately by afactor
of 8 within the following 5 ps of voltage drop).

At a slow variation of the voltage, when electrons
are not trapped by the acceptor levels and the condition
N, = const does not hold, hysteresis of the emission
characteristicsis absent (see, e.g., the initia portion of
the trailing edge of the pulse in Fig. 3b).

When the emitter properties change, the slope of the

backward branch of the pulsed emission curve changes
in aregular fashion. Figure 8c compares the data mea-
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Fig. 8. (a) Emission curvestaken at voltage pulses of differ-
ent amplitude. The voltage and current waveformsare given
in the inset; the emitter is the same asin Fig. 7b. (b) Emis-
sion curves taken at voltage pulses of different length; the
emitter is atrace amount of nanoporous carbon on the sur-
face of niobium foil. (c) Emission curves taken of the same
surface during its degradation due to multiple breakdowns
of the emission gap. Curve 1 corresponds to the “as-pre-
pared” emitter. The measurements were carried out with the
shape and amplitude of the voltage pulsed component
remaining the same and with constant bias U, gradually
increasing (to compensate for the degradation of the sam-
ple's emissivity).

sured during the degradation of one of the samples. A
general decrease in its emissivity is accompanied by a
noticeable (severafold) increase in the backward
branch slope. The slope of the forward branch changes
little, which may be explained by different current dis-
tributions among the emission centers for the intervals
of voltage rise and fall. During the leading edge of the
pulse, alower transparency of the surface barrier for the
centers with deep intermediate levels may be compen-
sated for by a higher rate of occupation of these levels,

ARKHIPOV et al.

as aresult of which the emission current is distributed
fairly uniformly among the centers. During the trailing
edge of the pulse, the occupation of the intermediate
layers evens out (e.g., due to the redistribution of the
electrons under the action of the nonstationary field)
and the emission concentrates at the centerswith lowest
X< Probably, it isthese centersthat collapse first during
the degradation of the film, which the form of the
pulsed emission curves indicates.

CONCLUSIONS

Thus, our results indicate that field emission from
heterogeneous carbon films is a complex process. To
explain the hysteresis of the emission curves observed
in the experiments, amodel of indirect electron transfer
to avacuum is suggested that assumes the participation
of intermediate acceptor-type electron states. The phe-
nomenon of activation of emission from the carbon
films under the action of a nongtationary field, which
was revealed in the experiments, may explain the diffi-
culties arising in fabrication of field film emitters
intended for high-current operating mode and be help-
ful for development of new types of such emitters with
improved performance.
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Abstract—Control grids used in high-current deviceswith field emission cathodes should be made of an appro-
priate, “grid-grade” material. Such amaterial must offer a high mechanical strength, thermal conductivity, and
electric conductivity. In addition, grids as thin as several microns must be available. As a grid material, boron-
doped diamond is tested. © 2005 Pleiades Publishing, Inc.

INTRODUCTION

Electron guns with field emission cathodes have a
number of advantages over their thermionic counter-
parts, specifically, amuch lower power consumption, a
much higher speed of response, and a narrower energy
spectrum of electrons emitted. It is of no less impor-
tance that field-emission electron sources operate at
low (room) temperatures and, therefore, occupy the
niche where thermionic emittersfail [1].

Along with the cathode, any device of this sort must
incorporate elements providing independent control of
the current and energy of the electron beam. The most
popular control element is a grid. In thermionic elec-
tron guns, a modulating (control) grid usually blocks
the electrons (it has a negative potential with respect to
the cathode). In field emission devices, conversely, the
first grid serves to extract the electrons and, thereby, to
raise the field at the cathode surface to the point where
electron emission starts. It is clear that the parameters
of the cathode—grid assembly considerably depend on
the physical characteristics of the field-emission cath-
ode. In this study, an electron gun made of nanocrystal-
line carbon films [2, 3] is investigated for feasibility of
its effective control.

The basic mechanism of electron emission in cold
cathodesistunneling through apotential surface barrier
in astrong electric field. The probability of such atun-
neling is specified by the fundamental properties of a
material. In the best case, emission currents needed in
practice are provided by extremely high electric fields
(on the order of 10 MV/cm) on the emitter surface. The
only way of generating such high electricfieldsisappli-
cation of tip-shaped emitters. Then, even if an applied
electric field is not too high, its value at the tipswill be
higher by several orders of magnitude because of geo-
metrical enhancement. Many recent studies have shown
that the most promising material for cold cathodes is

films consisting of carbon nanopl atel ets several nanom-
eters in thickness and several microns in length and
height that are oriented normally to the cathode surface
[2,3].

L et us note some problems associated with grid con-
trol in devices with field emission cathodes. To
decrease the control voltage, it is necessary to decrease
the cathode—grid distance down to severa tens of
microns (basically, this distance can be decreased to a
fraction of a micron [4] by applying microelectronic
technol ogies; however, the cost of the device inevitably
increasesin this case). At the sametime, for ahigh uni-
formity of emission from the cathode surface and trans-
parency of the grid for the current to be kept at adesired
level, it is necessary to shrink a grid mesh and to
increase its geometrical transparency. In this case, the
mechanical strength and thermal conductivity of the
grid decreases. The grid exceedingly heats up, sags, and
eventually shorts the cathode.

Similar problems appear in modern high-power
microwave tubes with a thermionic cathode operating
inthe high grid current regime. Therefore, in the major-
ity of these devices, gridsare made of refractory metals,
such asW, Mo, Hf, Zr, and Ta. However, since the con-
trol gridislocated near the cathode (which isespecialy
true for microwave tubes), its temperature deformation
(sagging) may change the grid—cathode gap and,
thereby, the device performance. In this connection, the
search for more appropriate grid materials intended for
use in high-power electron vacuum devices is being
actively pursued today. Pyrolytic graphite offering
good thermal properties is one of the most promising
materials. However, this material is extremely brittle
and anisotropic; therefore, it is necessary to deposit it
on a metallic substrate, which is a technologica chal-
lenge. Moreover, thermal stresses arising at the points
where the graphite grid is in contact with the metallic

1063-7842/05/5010-1360$26.00 © 2005 Pleiades Publishing, Inc.
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holder cause its failure. Other disadvantages of grids
made of pyrolytic graphite are their rough surface, giv-
ing rise to secondary electron emission from the grid,
and apoor high-voltage resistance. The roughness may
be due to stuck graphite particles and also to the sharp
irregular edges of holes after laser drilling. In the latter
case, the carbon condensing near the holes forms gran-
ules on or near the edges. In general, formation of car-
bon particles (or particles of another sort) upon material
recrystallization is typical not only of laser cutting but
of any (ion, electron-beam, spark, mechanical, and
electromechanical) cutting method. To remove these
particles, graphite grids are annealed in a chemically
active atmosphere (air, oxygen, or an oxygen—hitrogen
mixture) at lower pressures and temperatures of 900—
1000°C. Thisall complicatesthe preparation and use of
grids made of pyrolytic graphite.

Thus, to eliminate the problems discussed above, it
is necessary to use agrid made of amaterial with ahigh
mechanical strength, low thermal expansion coeffi-
cient, and high thermal conductivity. In addition, the
material of choice must be well conducting in order to
avoid charging effects. Based on the aforesaid, we pro-
posed that control and focusing grids be made of a
doped diamond film, which is known to offer unique
thermal and mechanical properties and a high isotropic
strength. Such afilm heteroepitaxially grown on an iri-
dium film (related growth techniques have been
recently developed) may be both single- and polycrys-
talline.

A thin (2-5 pm) diamond grid placed near the cath-
ode (at adistance of about 10 um) would make it possi-
ble to reduce the control voltage and time of flight of
electrons in the cathode—grid gap. This is centra to
using the grid in microwave (operating at frequencies
above 2 GHz) devices (for comparison, the distance
between a thermionic cathode and a control metal grid
in electron vacuum devices is usually greater than
100 pm).

DIAMOND GRIDS

Diamond is well known as a material featuring a
high thermal conductivity, mechanical strength, and
corrosion stability, together with other remarkable
properties, which makes it promising for a wide range
of applications. Moreover, pure diamond has an
extremely low electrical conductivity. For diamond to
acquire p-type conductivity, it is doped by boron, which
is easily activated even at room temperature [5].

Electron-beam-controlling grids may be plane,
cylindrical, or of any other geometry depending on the
type of device. A diamond grid may be obtained either
by etching a continuous diamond membrane or by
selective CVD. Doped diamond filmswere deposited in
a reactor with a microwave-discharge-excited active
medium (the frequency is 2.45 GHz; the power deliv-
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Fig. 1. Diamond grid visualized with an electron micro-
scope. The transparency is about 50%.
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Fig. 2. Emission characteristic for the diode scheme with a
phosphor screen.

ered to the discharge, 1 kW). For details concerning the
reactor and deposition method, see [6].

A typical example of a grid thus produced is shown
in Fig. 1. It is seen that the grid is fairly homogeneous
and has a rather high transparency. Raman spectros-
copy and X-ray diffraction examinations of the films
showed that the grids consist of high-quality diamond
with alow content of nondiamond phases.

FIELD-EMISSION TRIODE WITH A DIAMOND
GRID

In this case, we used a field-emission cathode simi-
lar to that described in [2]. The diameter of the emission
spot was 2.3 mm (S= 0.04 cm?). The emission charac-
teristics of this cathode were preliminary investigated
in a diode scheme with a phosphor screen. The results
of measurements are presented in Fig. 2. Asis seen, the
emission current distribution is uniform and the density
of emission centers is high. This cathode was subse-
guently used in atriode scheme with a diamond grid.

The gap between the cathode and diamond grid was
equal to 40 um. Such a gap, on the one hand, provided
the uniform distribution of the electric field intensity
over the cathode and, on the other hand, made it possi-
bleto control the electron beam by applying low poten-
tialsto the grid.
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Fig. 3. I-V characteristic for the 40-um gap.
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Fig. 4. Aging in the dc regime for the 40-pum gap.

The experiments were performed in both the contin-
uous and pulsed regimes. In the latter case, negative
pulses with a duration of 340 us and a frequency of
50 Hz were applied to the cathode. Note that the results
obtained for the diamond grid in both regimes were vir-
tually the same (in contrast to metalic grids), which
indicates ahigh stability of diamond grids. A typical 1—
V characteristics taken for one of the gridsin the pulsed
regimeisdepictedin Fig. 3. Asfollowsfrom Figs. 2 and
3, the |-V characteristics in the diode and triode
schemes nearly coincide, which suggests a high unifor-
mity of the electric field over the cathode surface.

In anumber of applications, of primary importance
is the modulating voltage amplitude rather than the
total cathode—grid potential difference. In our case, the
current could be modulated starting from only the
ascending portion of the curve, for example, from
3V/pm. Asisseenfrom Fig. 3, in the case of the 40-um
gap, acurrent of 6 mA can be compl etely modulated by
voltage difference AU = 120V (Fig. 3). This value cor-
responds to a current density at the cathode of
150 mA/cm? and a power density at the grid of about
0.3 W/cm?.

DZBANOVSKII et al.

Our measurements showed that the transparency of
the grid for electrons is 50%, which exactly coincides
with the geometric transparency. The grid withstood a
pulsed current density from the cathode of 1 A/cm? at a
voltage of 1.5 kV. None of the many metallic grids
investigated made a close approach to such values.

The operating stability of the diamond grid was
investigated in the dc regime for a gap of 40 um. The
measurements of the long-term current stability are
presented in Fig. 4. It is seen that the current is stable:
no marked oscillations (including in the pulsed regime)
are observed. Note that similar experiments with metal-
lic gridsinvariably showed the presence of mechanical
vibration of agrid dueto itsthermal expansion and sag-
ging in astrong electric field.

CONCLUSIONS

Doped CVD-grown diamond grids are proposed to
be used as extracting grids of field-emission cathodes.
Comparative analysis of diamond and metallic gridsis
presented.

From our measurements, it follows that the diamond
grid withstands a pulsed current density from the cath-
ode of 1 A/cm? at a voltage of 1.5 kV. None of the
metallic grids investigated made a close approach to
such values.

The possibility of controlling the field-emission cur-
rent up to 150 mA/cm? with amodulation voltage of no
higher than 120V is demonstrated.
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Abstract—A motion-induced magnetic or electric field is cal culated by the integral method in thefirst order of
smallnessin the ratio of the motion velocity to the speed of light for homogenous media with an arbitrary sta-
tionary velocity distribution that are placed in static electric or magnetic fields. For the case of rotation of a
sphere, the validity of the resultsis corroborated by comparing with a solution obtained by joining the fieldsin
the moving and quiescent parts of the medium. Estimates suggest the feasibility of experimentally observing
this effect of continuum electrodynamics. © 2005 Pleiades Publishing, Inc.

The éectrodynamics of moving media, which is
based on the Maxwell equations and Minkowski mate-
rial equations [1-3], basically alows solving a wide
number of problems [4, 5]. However, the medium—
medium interface is, as arule, considered plane, cylin-
drical, or spherical [3-5], because using continuity con-
ditions at the interface in the general case poses great
difficulty.

Generally speaking, continuity conditions at the
interface are not independent of the Maxwell equations.
On the contrary, they are consequences of the Maxwell
eguations. These conditions are dropped out if weintro-
duce a smooth transition range between the parameters
of the media and then shrink this range down to zero.
Using such an approach, we have recently considered
the relativistic scattering (diffraction) of electromag-
netic radiation by nonuniformities of the velocity of a
dielectric medium [6]. We assumed that the medium is
homogenous and isotropic but part of the medium
rotates with some angular velocity. A solution to wave
equations of the retarded potential type that was
obtained in the first order of smallness in the ratio
between the velocity of the medium and speed of light
allowed us to find, in the integral form, the scattered
field for an arbitrary distribution of the velocity. In [6],
we also estimated the maximum velocity at which rela-
tivistic effects dominate over those caused by the
mechanical deformation of a body (dynamooptical
effects [3]).

The aim of this paper isto demonstrate the possibil-
ity of using asimilar integral approach (without invok-
ing continuity conditions at the interface) for determi-
nation of the static electric and magnetic field intensi-
ties in the case of an arbitrary (to some extent)
distribution of the velocity of a homogenous medium.
To be specific, we shall consider the case of the station-
ary (time-independent) velocity distribution, which

occurs, for example, when part of an axisymmetric
body rotates about a symmetry axis. In this case, the
electric and/or magnetic field remains stationary in the
moving medium too. As in [6], the permittivities and
permeabilities of the moving and quiescent parts are
assumed to be the same and effects of the first order of
smallness in the ratio between the velocity of the
medium and the speed of light are analyzed. Attendant
effects associated with mechanical stresses due to rota-
tion are neglected (for the conditions when they can be
neglected, see [6]). We will show that, in the case at
hand (a rotating sphere), for which a solution can also
be found by the standard method using continuity con-
ditions at the interface between the moving and quies-
cent parts of the medium [3], both approaches yield
consistent results.

For static fields, the “differentia” Maxwell equa-
tions have the form

divB =0, curlE =0, divD =0, curlH = 0.

1
Here, E and H are the electric and magnetic fields and
D and B are the electric and magnetic inductions. The
Minkowski material equations are used in the approxi-
mation form, i.e., in thefirst order of smallnessin small
parameter v/c, where v is the velocity of the medium
(hereafter velocity) and ¢ is the speed of light in
vacuum,

[ExV].
2
Permittivity € and permeability p are constant and
correspond to the quiescent medium. In such a defini-
tion of the problem, relativistic effects show up most
vividly.
Let us consider the case when the medium moves
with a coordinate-dependent velocity in a uniform

D= eE+‘%[va],B = uH +8“C"1
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static electric field with intensity E, = const. In the
zeroth order of smallnessin v/c, the electric field coin-
cides with E, and the magnetic field is Hy = 0. In the
first order of smallness in v/c, material equations (2)
take the form

D, = ¢E;, By = pHy+ EHE V. (3)
Then, from Maxwell equations (1) it follows that

Ldiv[E, x v]. 4

divH, = —2H=
pe
By virtue of the second equationin (1), the magnetic
field isirrotational and has the potential
H, = —gradW¥. 5)
Inview of (4), the potential has the form
1 divH(r")
W(r) = —- J%df
1 d|v[E0 xv(r"]
4nucI

where R = |r —r'| is the dlstance between point r at
which the field is calculated and vector of variable of

(6)

dr',

integration r'.
Since for uniform electric field E, we have
div[Ey, xVv] = —(E, Curlv), @)

Eq. (6) can berecast as
en—1(EqLeurlv(r )) ®
41TC R

Equations (6) and (8) are the general solution to the
problem for an arbitrary distribution of the velocity. In

the case of rotation of an axisymmetric body, the veloc-
ity experiences ajump at the boundary,

WY(r) =

_ _ o orov,
v = u(r)o(r), o) = Ep cav. 9
Since
curl (@ (r)u(r)) = dcurlu + [gradd x u],
grad®d = —n%—‘:’ = —nd(1-1y), (10)

where | is the coordinate along the normal to the sur-
face, |isitsvalue on the surface, and n isthe unit vector
normal to the surface, theintegral ontheright of Eq. (8)
reduces to asum of two integrals, one of whichistaken
over the volume of the rotating part and the other over
the surface of this part,
en—10_ - (Eq Eturlu)

v = 4nuc fav

Io,c(Eo n > ul)d
0

(11)

Let us apply the above resultsto the case of a sphere

of radius a rotating with angular velocity Q directed
along the zaxis; i.e., Q = (0, 0, Q). We assume that the

ROZANOV, SOCHILIN

external electric field is also directed along the z axis,
Ey,= (0, 0, Ep). Then, the linear velocity isu =[Q x r],
(Eo - curlu) =2E,Q, and (E, - [n x u]) = E;Q(nXx + nyy).
Inview of axial symmetry of the problem, the integrals
in Eq. (11) can bereduced to the one-dimensional form.
Eventually, the magnetic potential outside the sphere
will have the form
a %l 3

i su 1c
Here, r is the distance from the center of the sphere.
Similarly, for a dielectric sphere rotating in a constant
magnetic field with intensity H, directed along the axis
of rotation, we obtain electric potential ® outside the
sphere in the form

_Aeu-1, qan o7
= o HOQr3%L S

For comparison with the conventional approach,
which is based on joining the solutions at the interface
between the moving and quiescent media, it is neces-
sary to generalize the solution of the problem obtained
in [3], where a sphere rotated in a vacuum (i.e., it was
assumed that €© = 1 and u® = 1 outside the rotating
sphere). For an external magnetic field with intensity
H, and arbitrary values of €© and pu© of the environ-
ment, electric field potential ® outside the sphere can
be expressed by

(12)

(13)

3
=23 D, (149
k=1
where
. @ 3E -1t
Ik ¢ (3@ +2¢)(2u®@ + 1)
(15)

2 |
X EHOiQk + Ho Q; _ééik(HO- Q)X.
0 0

When the permittivities of the environment and
rotating sphere are equal to each other, Eq. (15) takes
the form

_ a’(eu—1)
k™ ¢ bBe
(16)

2 O
X EHOiQk + Ho Q; —§5ik(H0: Q).
0 g

Similarly, for a sphere rotating in a uniform electric
field, the magnetic field potentia outside the sphereis
given by

3
1 n;n
= o 17
=33 B @)
i,k=1
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where

o ef 3P — 1)@
ik c(3u(e>+2u(i))(2€<e>+€(i))

(18)
O 2 g
X B0 Qy + EqiQ; _éaik(EOI Q).
| |

When the permeabilities inside and outside the
sphere are the same, we have

a(su-10 2 0
E( U'SH )EEOiQk-'- EOin_ééik(EmQ)D-

U9

It is easy to show that, when the axis of rotation is
aligned with the constant field direction on the outside,
the integrals corresponding to Egs. (16) and (19) turn
into Egs. (12) and (13), respectively, which confirms
the validity of the integral approach.

As one more example, we give the magnetic poten-
tial at the axis of rotation of a circular cylinder with
base radius a and length 2h that was calculated at a
point z distant from the center of inertia of the cylinder.
Integrating over the surface and volume of the cylinder
in Eq. (11) yields

W, = E,Q{(z+h)4(z+h)’+a°
+(z=h)J(z=h)*+a’ —4zh}.

Let us compare the magnetic potentials of the
sphere, Yo and cylinder, W, at the axis of rotation for
a point z distant from the center of inertia, z > a, h.
From Egs. (12) and (20), we obtain

Bix =

(20)

2 (ep-1)aVy

W (0,0,2) B 1o =

E,Q, (21)

1 (en-1)aV,

W(0.0,2) = z- TR

E,Q, (22)

where Vg, and V, are the volumes of the sphere and cyl-
inder, respectively.

Thus, the integral approach allows one to determine
the electro- and magnetostatic fields for media with a
fairly nonuniform velocity distribution. The use of the
perturbation theory hereisjustified by the smallness of
the velocity relative to the speed of light. For a sphere
rotating in a uniform magnetic or electric field applied
to such media, the integral approach is in agreement
with the conventional one, which is based on joining
solutions inside the moving and quiescent media.

Note that experiments of such atype concerning the
electrodynamics of moving media are of undeniable
importance, since relevant experimental data are sparse
and a number of theoretical issues call for further dis-
cussion (see, e.g., different approaches by Minkowski
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and Abragam stated in monograph [1]). The results of
earlier investigations [7-9], as well as our estimates
[6, 10], indicate that the above effect concerned with
the electrodynamics of moving media can be verified
experimentally. In fact, the intensity of the static elec-
tric field under rotation of a sphere (cylinder) in the
magnetic field and that of the static magnetic field for a
sphere (cylinder) rotating in the electric field are deter-
mined through the gradients of the corresponding
potentials. Their maximal values are estimated as
(Wc)H, and (u/c)Ey, where u = Qais the maximum lin-
ear velocity on the spherical (cylindrical) surface. The
results of amore rigorous calculation are the following.
The static permittivity, for example, of glass varies
from 5.5to 11 (depending on itstype) [11], and its per-
meability is close to unity. Then, for u ~ 10° cm/s, the
electric field intensity due to rotation of a spherein the
magnetic field is~10~"H,, whilefor asphererotating in
a uniform electric field, the induced magnetic field
intensity is ~10-°E, (compare the denominators of the
first fractionsin (12) and (13)). It seemsthat such inten-
sities can be detected experimentally.
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Abstract—The harmonically varying field of point electric and magnetic dipoles in an anisotropic medium
with an anisotropic axisis found for thefirst time. © 2005 Pleiades Publishing, Inc.

In this work, we for the first time give a complete
and, more importantly, exact solution to the Maxwell
equations for the radiation of point electric and mag-
netic dipoles in a homogeneous anisotropic medium
where the conductivity and permittivity along the
anisotropy axis differ from those in the transverse
directions. The solution is found for any orientation of
the dipole relative to the anisotropy axis. When finding
the electromagnetic field of the dipole, which varies by
aharmonic law, we apply two approaches, one of which
issuggested in [1]. Here, the basic Maxwell equations,
where displacement currents are ignored, are reduced
to equations for vector potential that allow determina-
tion of these currents. The second approach [2—4] con-
sists in converting the basic set of Maxwell equations
(reduced at any point of the domain) to an equation for
the electric field strength and applying the Fourier
transformation to this equation. In this case, finding of
the transforms of the electric field components is
reduced to solving a set of linear algebraic equations
and the field components themsel ves can be determined
by applying the inverse Fourier transformation to their
transforms. However, the creators of such an approach,
also ignoring displacement currents, restricted the anal-
ysis to finding the transforms of only two electric field
components and one magnetic field component [3], not
explaining how it was obtained. In thiswork, wefor the
first time derive an exact solution to the Maxwell equa-
tion for electric and magnetic dipolesin an anisotropic
medium, which alows for displacement currents, con-
trary to works [1-4]. To solve the problem, we chose
the second approach. First, it is more general and does
not require the presence of the anisotropy axis. Second,
studying the electromagnetic field near the dipole is
unnecessary in this approach.

Let a homogeneous anisotropic medium contain a
point dipolein which the density of extraneous el ectric,
jE, and magnetic, j", currents varies by aharmonic law,
exp(—wt). We choose a rectangular coordinate system
with the origin at the site of the dipole and assume that
the conductivity and permittivity components in the

tangential x and z directions are the same (y, and g,
respectively) and the respective components in the nor-
mal y direction are y, and €,. Note at once that the
choice of direction where the conductivity differsis of
no significance, since an otherwise stated problem is
reduced to that under consideration merely by coordi-
nate transformation. L et the el ectromagnetic field of the
dipole also vary by a harmonic law, exp(—wt). Then,
according to the Maxwell equations, the amplitudes of
the electric, E, and magnetic, H, fields of the dipol e sat-
isfy the equation [5]

curlH = 6E+j —iwsE, (1)
curlE = iwpH —jH. 2

Here, G, €, and p are the conductivity tensor, permit-
tivity tensor, and permeability of the medium, respec-
tively. Matrices 6 and € have the diagonal form

(0)11 = (0)3s = Vi (O)2 = Yn»
(0)a =0 (kzI),

(&) = (€)= & () = &y,
(& =0 (kzl).

Applying the curl operator to both sides of Eq. (2),
we obtain

curlcurlE — i wpOE — w HEE = iwpjT—curlj™. (3)

The direct and inverse Fourier transformations of
function f(x, y, 2) in coordinates x, y, and z look as fol-
lows:

(& n,m

[

= J‘J’J’f(x, Y, z)exp(—i&x—iny—imz)dxdydz,
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() = o

00

XJ'IIf (& n,mexp(i&x +iny +imz)dédndm.

Let usrecast Eq. (3) componentwise by applying the
Fourier transformation to both sides of the resulting set
of equations. Eventually, we arrive at a set of linear
algebraic equations for the electric field component
transforms,

0 00 .0
on®+m+k’  -&n —m DDExD
0 .0
0 —&n  E+m+kX  -nm DDEyE
0 —m am e n2+IROAE D
4

Og O

0

= 0F,0,

0’0

0OF,0
where

F, = I:I;J’(iu)jf—curl,jH)

x exp(—i&x—iny—imz)dxdydz,
ki = —iwpy, ki = —iopy,
Rek, >0, Rek,>0,

Vi = Vi—iW&, Yo = Yo—iwE,
Having found the éectric field component trans-
formsfrom asolution to set (4), wethen find the desired
field components by applying the inverse Fourier trans-

formation to the transforms of these components. The
magnetic field components can be derived from (2).

Let us write the electromagnetic field components
when magnetic and electric dipoles are oriented along
one of the coordinate axes. To do this, we introduce the
following notation:

A= iy, T

2 2, 2
X +z,

=2

R = r2+y2’ R = r2+)\2y2.

1. MAGNETIC DIPOLE

(i) Orientation along they axis. In this case, only
one component of the extraneous magnetic current is
nonzero,

.H .
Jy = -1wpMa(x)d(y)d(2),
where M is the moment of the magnetic dipole.
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The electromagnetic field components are given by

_ |quz lg
E, = ——exp(- kR)Ehz

E, = 0,
&) Mx 1
E, = - Xn (kR)Ehz D
2
_ Mxy ¢ 3k 30
x = HGXP(—ktR)B—ngEJFR ,
M ki k1
Hy = E[exp(_ktR)[_ﬁt_Etz_Ea
2
+y2E{l(i3+3L|jt+3 ,
R R R
_ Myz 3k, 30
H exp (- kR)[{—+—+
*7 4m R RO

(i) Orientation along the x axis. Only one compo-
nent of the extraneous magnetic current is nonzero,

iy = —I0UM3(X)3(y)3(2).

The electromagnetic field components are given by

_ |quxyzD __1__ 20
=, = e aR s+ e
=k, 1 2 U
e R A
iWUMAZ 1
E, = b fep(- kR)q_:{2 =
e, = LM ok 2 L
rR R
ek 1 LD}D__iquyA
ZDr2R2+r2R3+r4F\D E 4t

x Bexp(—k,R) =
[l

2—+22
rrkR

ke , 1 L}E

R R R
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R _E_E'&_SD}E
Ur u

R R° R* R

Mk, O ko, 1 20ke
+—Dex k,R [— =-
|:| p( ) R r2 qZ

ZD}D

_ Mxy
H, = 5 EXp (kR +—
T T TP )B(

MxzO Pk, . ki
= 2 — + Lt Tt
" 4”EeXp( "R SRR TR R

nDD

Zdjﬂ

(iii) Orientation along the zaxis. Only one compo-
nent of the extraneous magnetic current is nonzero,

iy = —0UM3(X)3(y)3(2).

All the electromagnetic field components are found
from the previous case by substituting z for x, x for z,
and —u for .

—ktexp(—knﬁ)a%

2. ELECTRIC DIPOLE

(i) Orientation along they axis. In this case, only
one component of the extraneous electric current is
nonzero,

iy = 13(x)3(y)8(2),
where | isthe moment of the electric dipole.
The electromagnetic field components are given by

_ m)ul)\xy 30
E, = — exp(kR) +—+—,
_  IuIA
E = —
T andR
[0
x exp(— kR)[Qk +—-r2Ek K + 20
R R R R
e, = Mo R +—+%%,
4T[knR
H, = IAz
4TiR

A. O. SAVCHENKQO, O. Ya. SAVCHENKO

H, = I)\X 1D

(ii) Orientation along the x axis. Only one compo-
nent of the extraneous electric current is nonzero,

= 13(x)5(y)5(2).

The electromagnetic field components are given by

wpl 1 enke ZD}D
E —_— +—— —
R

= R Xp(-kR)| &

2k 3k,

I°R = " R R

_ |coul)\xy
E, = exp(—k,R) =k’ + ="
T 4R B(

30
Z:l!

[l 2k
m)ulxz o( kR)B—+—%

E., = —
’ Tk D ‘0

_ 0K K2k,
+Aexp(kK,RF—-—=+—=——+
P )D R R r* R

3k,

340
— 10
RUO

_ IxyzD ke, 2 .10

R RY
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(iii) Orientation along the z axis. Only one compo-
nent of the extraneous electric current is nonzero,

is = 18(x)3(y)3(2).

All the electromagnetic field components are found
from the previous case by substituting z for x, x for z,
—p for g, and -l for I.

Below, magnetic and electric dipoles were oriented
along one of the coordinate axes. The field of an arbi-
trary oriented dipole is found as a superposition of the
field projections onto the coordinate axes.

APPENDIX

It should be noted that not all the field components
can be found by direct integration of the transforms;
specifically, we omitted from consideration the orienta-
tion aong the axisr = 0. The field components along
this axis are found by passing to the limit r — 0.
Below, we give only those field components along the
axisr = 0 which appear nontrivial.

Magnetic dipole oriented along the x axis, r = 0.

E, =0,
_iwpM 1
E, = 4 Fexp(—k tIyI)D—2E1*1+)\E+M%,
1 k 10
o exp(~ tlyl)?%*l =g+ e
H, = 0.
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The components of the magnetic dipole oriented
along the z axis are found by making an appropriate
change of variables (see Sect. 1(iii)).

Electric dipole oriented along the x axis, r = 0.

LT < g
‘ 5 % FARY |y| PTE
E, =0,
H, = 0,
= 1Y ook vy Oke 4 K 10
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Abstract—The possibility of designing thermoelectric sensors based on multielement structures of higher
manganese silicide (HMS) polycrystalline films is considered. Test structures with various configurations are
developed for studying electrical and thermoel ectric parameters of polycrystalline HM Sfilms. The geometrical
sizes of the elements of test structures are chosen to match the grain sizein polycrystalline HM S films. Thetest
structures are prepared using the planar silicon technology. In these structures, the current-voltage characteris-
tics, Hall constant, charge carrier concentration, and mobility are measured. The thermopower (o) and electrical
conductivity (o) are studied in atemperature range of T = 77-600 K, where a > 250 uV/K and electrical con-
ductivity o ~ 20 (Q cm). It is shown that the sensitivity and thermopowers increase upon a decrease in the
cross-sectional area of the elements. © 2005 Pleiades Publishing, Inc.

INTRODUCTION

Thin and thick films of transient metal silicides
attract considerabl e attention due to their unique photo-
and thermoelectric properties, high-temperature stabil-
ity, and compatibility with silicon technology. It iswell
known from theliterature[1] that the higher manganese
silicide (HMS) MnSi; 7,4 75 is one of the most promis-
ing thermoel ectric materials among silicides since bulk
HMS samples exhibit a thermoelectric effectiveness
Z= 0.7 x 102 K in the temperature range 300-
1000 K. Intense studies aimed at obtaining thin and
ultrathin HM S films have been carried out in Germany,
China, and Japan [2-5]. However, film-type thermo-
electric elements based on the HMS MnSi; ;,_; -5 have
not been developed so far.

The possibility of obtaining continuous polycrystal-
line HMS films by reactive diffusion of manganese
vapor atoms directly into a silicon substrate was dem-
onstrated by us earlier [6]. The features of the crystal-
line structure of HMS films grown from silicon were
studied in [7], where it was found that the films pre-
pared at a substrate temperature of 1040-1070°C and
then annealed at 350-800°C consist of HMS crystal-
lites with a preferred orientation of the c axis along the
normal to the substrate. Subsequently, the possibility of
designing nonselective sensors based on HMS films
was demonstrated [8]. The present study is devoted to
the development of multielement test structures of ther-
moelectric sensors based on HMS film and to analysis
of their electrophysical properties.

EXPERIMENTAL TECHNIQUE

Film-type thermocouples and thermopiles are devel -
oped on the basis of the standard planar technology,
wherethin films of silicon dioxide SiO, arewidely used
as the main protecting and separating layer for active
elements. In our earlier publications[9, 10], we demon-
strated that a SiO, surface layer grown during silicide
formation serves as a mask preventing the formation of
silicide on the surface of a silicon substrate. This
allowed us to develop a technology for obtaining test
structures based on HM Sfilms on the silicon surfacein
the form of thermopiles of various configurations. The
geometrical sizes of the elements of test structureswere
chosen depending on the grain size of polycrystaline
HMS films.

In developing the technology for preparing test
structures, we chose special designs and worked out
sketch versions of photomasks, in which the details of
individual units of test structures were envisaged. We
developed three types of test structures; the model sets
of these structures are shown in Fig. 1. The first type of
test structureisacontinuousHM Sfilm onaSi substrate
with four Ni or Al contactsfor measuring the Hall effect
using the van der Pauw method and strip contacts
across the sample for measuring the thermal emf and
the sensitivity coefficient (Figs. 1aand 1b). The second
type has the form of continuous HM S strips separated
by insulating SIO, layers and Al contacts for measuring
electrophysical parameters (Fig. 1¢). Test structures of
the third type are similar to the second type, but with
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additional lateral contacts for studying separately the
current transport in the grains proper (Fig. 1d).

Test structures of the second and third types con-
tained several identica eements being measured of
various thicknesses (10, 20, 100, 200, 400, 800, and
1000 um) of the same length (7000 pm) and thickness
(810 um). This enabled us to perform a number of
measurements of electrical parameters of test structures
under the same conditions, which made it possible to
obtain averaged data on the measured quantities and
estimate the spread in the parameters of the elements of
test structures. Metallization of test structures was car-
ried out by vacuum sputtering of a 1.5-um-thick Al or
Ni film followed by vacuum annealing at temperatures
of 300-350°C.

For each chip with a size of 9.5 x 9.5 mm, specia
packages of metallized glass fiber plastic were pre-
pared, on which contact area elements with leads were
obtained photolithographically. Chips were fixed to the
packages by a special adhesive. After mounting a crys-
tal into the package, the contact area was connected to
the leads of the package with the help of ultrasonic
welding. One of the test structuresis shown in Fig. 2.

For first-type test structures, we measured the ther-
mopower, electrical conductivity, and Hall coefficient
by the van der Pauw method. The Hall emf of HMS
films was measured in a constant magnetic field of
0.1 T for two directions of the current.

Thelongitudinal and transverse thermal emf emerg-
ing in polycrystalline HMS films were measured in
accordance with the technique described in [11]. The
sample under investigation was placed on a copper
table, and copper probes of a configuration correspond-
ing to the contacts with built-in thermocouples were
pressed against the metallic contacts of the sample (see
Fig. 1). An electric heater producing atemperature gra-
dient was wound on one of the probes, while the other
probe had the same temperature as the copper table.
The temperature drop between the probes did not
exceed AT = 5-10 K. The thermal emf produced in the
film was measured by a Shch-300 microvoltmeter. Pas-
sage from the longitudinal to transverse thermal emf
measurements and vice versa was made by rotating the
sample through 90° in the horizontal plane, which
made it possible to determine the anisotropy in the ther-
moelectric (Seebeck) coefficient.

To detect the anisotropic thermal emf, a pulse laser
radiation with wavelengths A = 1.06 and 10.6 pm was
supplied to the middle of the sample, which produced a
temperature gradient across the film thickness. The
incident beam diameter d was much smaller than the
distance | between the contacts (i.e., d < I). We mea-
sured therma emf &, emerging at the contacts and its
dependence on the incident radiation power P. The con-
version factor (sensitivity) Sin this case was

€
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Fig. 1. Model form of test structures: first type (a, b), second
type (c), and third type (d) (1—Si substrate, 2—HM S layer,
3—Al ohmic contacts, and 4—SiO; layer).

Fig. 2. Photograph of atest structure: 1—copper contacts,
2—Al leads, 3—silicide strips, 4—Si substrate, and 5—Al
ohmic contacts.

The anisotropy of thermal emf was determined by
rotating the sampl e through 90° in the horizonta plane.

To study sensitivity S and time constant 1, the pre-
pared test structures were placed in a screened package
and the thermal emf emerging at the contactsuponiirra-
diation of the structure was fed to the input of an oscil-
loscope. The values of Sand T were measured at radia
tion wavelengths A = 1.06 um for pulse durations 40—
200 nsand A = 10.6 pm for radiation modulated with a
frequency of 10°-10* Hz for pulse durations 0.1-1.5
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Fig. 3. Temperature dependences of (a) conductivity and
(b) thermopower of HM S films.

ms. To take into account the contribution from the pho-
toelectromotive force, measurementswere madefor the
same radiation flux with different laser wavelengths.

RESULTS AND DISCUSSION

The kinetic parameters investigated for the test
structures of HM Sfilms had the following valuesat T =
300 K: electrical conductivity o = 11-25 Q- cm?; Hall
coefficient R, = 0.058-0.065 Ct cm3 (the correspond-
ing hole concentration was p = 101°-10%° cm3), charge
carrier mobility p, = 0.6-2 cm?/V s, and thermopower
a = +250-280 pV/K. In addition, the temperature
dependences of the thermopower and electrical con-
ductivity were studied in the temperaturerange T = 77—
600 K (Fig. 3). It can be seen from the figure that the
thermopower of HM S films has val ues exceeding those
attained in bulk HM S single crystals by afactor of 1.5—
2[1]. Thisisprobably associated with the emergence of
potential barriers at grain boundaries of polycrystalline
HMSfilms.

The first-type test samples with HMS films grown
with acolumnar structuretilted relative to the normal to
the substrate exhibit anisotropic thermoelectric effect
[8]. Thiswas confirmed by the measurement of the lon-
gitudinal and transverse therma emfs, the difference
between which was Aa = 50-70 uV/K. The sensitivity
of the anisotropic effect on such sampleswas S= 0.5
1.0 mV/W and the time constant was T ~ 10 s.

The anisotropic effect was not observed in samples
with HMS films grown with a columnar structure ori-
ented so that one of the crystallographic axes (c axisin
our case) was perpendicular to the surface of the Si sub-
strate and was not defl ected from the normal to the sub-
strate. However, the longitudinal thermoelectric effect
was predominant in such samples: the signs of the reg-
istered dc thermal emf and the ac phase were reversed
asthethermal probe moved from the region of one con-

tact to the other contact. In such test structures, radia-
tion was incident in contact regions. The volt-watt sen-
sitivity was S= 0.1 V/W, and the time constant was T ~
106 s. The sensitivity and the time constant of the films
exceeded the values attained in bulk monocrystalline
HMS samples by one and three orders of magnitude,
respectively [12].

We measured the current-voltage characteristics
(I-V curves) in threetypes of structures under biasvolt-
agesranging from 10 mV to 10V inthe dc mode aswell
as in the ac mode with a frequency up to 10 kHz. The
results showed that the 1-V characteristics were linear
in all test structures. Such a behavior of the transport
current in the structures indicates that the contacts are
of the ohmic type.

For test structures of the second and third types, we
measured the resistances of each element of the test
structure and compared them with calculated values
depending on their widths. The comparison shows that
for widths of the elements smaller than 100 um, the
experimental values of the resistance are much larger
than the calculated values. This is probably due to a
smaller number of contacts between grain boundaries
in the transverse direction relative to the current, while
grain boundaries along the current naturally form addi-
tiona potential barriers, which facilitate an increase in
the resistance of the elements.

Analysis of thermoelectric parameters in the struc-
tures of the second and third types reveaded that the
thermopower and the sensitivity increased with
decreasing width of the elements of the test structures
(800, 600, and 400 um). In all probability, thisisdueto
a decrease in the surface dissipation of heat across the
elements with small cross-sectional areas. When such
elements were connected in series, the thermopower
attained values exceeding 500 UV/K and thevalues of S
were on the order of 0.2—0.3V/W.

CONCLUSIONS

Test structures with elements having various geo-
metrical sizes were developed using planar technology
based on HMSfilms.

Analysis of kinetic parameters of the test structures
shows that values of thermopower a = 500 pV/K and
sensitivity S~ 0.2-0.3 V/W can be attained by varying
the width of the structure elements. The results suggest
that thermoel ectric sensors can be prepared on the basis
of multielement structures of HM S films.
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Abstract—The stability of the interface between aliquid electrolyte and the plasma of a contracted |ow-pres-
suredc glow dischargein air isinvestigated by means of digital photography. Water solutions of potassium per-
manganate and copper sulfate were used as el ectrolytes. It isfound that, in the case of potassium permanganate,
theinstability of the interface leadsto g ection of the el ectrolyte into the plasma and extinction of the discharge.
Discharge modes with different types of quasi-steady interface are observed for copper sulfate at different val-
ues of the discharge current: a smooth interface, a solitary wave perturbation, regular ripples, and a churning
foamed turbulent mixing zone. © 2005 Pleiades Publishing, Inc.

The gas discharge over the el ectrolyte surfaceis one
of the most interesting objects of study in applied
plasma chemistry [1-3]. The aim of the present work is
the visual and photographic investigation of the inter-
face between a liquid electrolyte and the plasma of a
low-pressure dc glow discharge.

The experiments were conducted in a vertical glass
discharge tube 200 mm in length and 30 mm in diame-
ter. A stainless-steel cathode and anode were located at
the lower and upper ends of the tube, respectively.

(a)

|
{
|
|
|

The tube was filled with aliquid electrolyte up to a
130-mm height. Red-brown 0.2% water solutions of
potassium permanganate (KMnO,) and blue 10% water
solutions of copper sulfate (CuSO,) were used as elec-
trolytes.

The air pressure in the remaining part of the tube
was set at 4060 Torr. A further decrease in the pressure
led to intense boiling of the electrolyte at room temper-
ature. At apressure just above the boiling threshold, the

Fig. 1. Dynamics of a glow discharge over a potassium permanganate solution: (a) smooth surface, (b) warped surface, (c) wave
perturbation of the surface, (d) growing perturbation, (€) turbulent gjection of the plasma—electrolyte mixture into the discharge
zone, and (f) another turbulent gjection of the plasma—€lectrolyte mixture into the discharge zone.

1063-7842/05/5010-1374%$26.00 © 2005 Pleiades Publishing, Inc.
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(d)

(2)

Fig. 2. Modes of aglow discharge over a copper sulfate solution: (a, b) smooth surface, (c, d) solitary wave perturbation, (e, f) reg-

ular ripples, and (g, h) churning foamed turbulent mixing zone.

discharge gap was appreciably saturated with electro-
lyte vapor.

The discharge was powered from adc power supply.
The discharge current flowing through the electrolyte
was carried by ions, and, in the glow discharge plasma,
it was carried by eectrons. The change of the current
carriers at the plasma—€electrolyte interface is a rather
complicated kinetic process. Besides kinetic processes,
the surface is also affected by intense acoustic oscilla-
tions excited by the current flowing through the el ectro-
lyte. Therefore, investigation of the plasma—electrolyte
interface is of great importance for understanding the
processes accurring in the discharge.

The discharge was observed visually and was pho-
tographed with an Olimpus C-40ZOOM digital cam-
era. Thisallowed usto obtain high-quality color photo-
graphs of the discharge in different stages of the pro-
cess and to study the discharge dynamics by means of
short-term (over afew seconds) digital video recording.

At pressures of 40-60 Torr, dc glow discharge is
contracted for both types of solution. The dynamics of
the plasma—€lectrolyte interface for these two solutions
is, however, different.

A 250-mA discharge over a potassium permangan-
ate solution operated over 3-5 s and passed through
several stages. Initialy, it was a contracted discharge
over a smooth plasma—€lectrolyte interface. A surface
glow was aso observed in this stage. Further on, the
interface warped, intense surface waves were excited,
the electrolyte and plasma underwent turbulent mixing,
and the mixture produced was gjected into the dis-
charge zone. After the g ected mixture reached the upper
electrode, the discharge was extinguished. Figure 1

TECHNICAL PHYSICS Vol. 50
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shows photographs of six successive stages of this
dynamic process.

In the case of a copper sulfate solution, the situation
isquite different: the discharge is quieter and can occur
in different quasi-steady modes, which differ in the
structure of perturbations of the plasma—electrolyte
interface. The following modes were observed as the
discharge current was increased from 50 to 150 mA: a
smooth surface, a solitary wave perturbation, regular
ripples (Faraday waves), and a churning foamed turbu-
lent mixing zone (see Fig. 2).

Thus, in this study, we have observed for the first
time glow discharges over an electrolyte surface that
are quite different in their dynamics and structure.
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Abstract—A magnetooptic Kerr setup is designed for investigating the dynamic properties of domain wallsin
thin ferromagnetic films subjected to an external magnetic field in the temperature range 20-150°C. With this
setup, the method of interrupted magnetization is implemented and the magnetic (domain) structure is visual-
ized based on the meridional Kerr effect. The domain structure is displayed on a PC monitor using a Nikon
DXM 1200 high-resolution digital video camera. A dedicated software makes it possible to automatize mea-
surements and data processing. © 2005 Pleiades Publishing, Inc.

Study of magnetization reversal in ferromagnets
occupiesaprominent placein solid-state physics. Com-
prehensive insight into the physics of transient pro-
cesses can be gained only by directly observing the
magnetic structure of a sample and tracing its variation
upon magnetization reversal. Bulk magnetic materials
are difficult to study, since it isimpossible to visualize
their internal magnetic structure. In thin ferromagnetic
films, the domain structure occupies the entire sample;
therefore, pulsed processes in them occur under condi-
tions more favorable to analysis than those in bulk
materials. Being largely a vacuum condensate, thin fer-
romagnetic films have a specular reflecting surface,
which makes observation of the domain structure
dynamics by applying the magnetooptic Kerr effect
basically possible. The advantage of magnetooptic
observation over other methods is that it has no effect
on the magnetization reversal process in the films and
on the domain wall (DW) structure.

To investigate the DW dynamics in thin ferromag-
netic films, we designed a setup schematically shownin
Fig. 1. Its optics consists of light source 1 (halogen
lamp); lenses 2 and 3 and polarizing filter 4, whichform
aparale plane-polarized light beam; Polaroid analyzer
5; and microscope 6 interfaced with digital video cam-
era’.

Since the angle of rotation of plane of polarization
depends on the orientation of the magnetization vector
relative to the plane of incidence of the light beam, ana-
lyzer 5 can be adjusted in such a way that the image
received by video camera 7 will consist of dark and
bright regions corresponding to different orientations
of the magnetization in the sample (Fig. 2).

The magnification of the optics is varied in steps
from x10 to x100. The digital video camera makes it
possibleto visualize an area of interest with aresolution
of 3840 x 3072 pix. The exposure time varies between
80 pusand 700 s.

When the light reflects from the surface of athin fer-
romagnetic film, the rotation of plane of polarizationis
small and so the image formed by the video camerais
of low contrast. The contrast was raised by digita
image processing.

In our setup, the DW dynamics was investigated by
the method of interrupted magnetization [1, 2]. In this
method, the sample is exposed either to single rectan-
gular pulses or to a periodic train of pulses of a mag-
netic field. The time between pulses is much longer
than the DW relaxation time. The DW average velocity

mE %v\\4 %;

1 |
9 8 10

Fig. 1. Block diagram of the pulsed magnetooptic setup:
(2) light source, (2) lens system, (3) diaphragm, (4) polar-
izer, (5) anayzer, (6) microscope, (7) Nikon DXM
1200 digital video camera, (8) tube with heater, (9) air com-
pressor, and (10) magnetization-reversing rings.

1063-7842/05/5010-1376$26.00 © 2005 Pleiades Publishing, Inc.
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here is defined as the distance the wall travels during
magnetization reversal divided by the total time of
reversal. In addition, the following conditions must be
fulfilled: the rise time and fall time of the (rectangular)
magneti zation-reversing pul ses should be much shorter
than the pulse duration and the top of the rectangular
pulses must be flat.

Since magnetization reversal in our work was
accomplished with low-inductance low-resistance
Helmholtz rings, rectangular current pulses of ampli-
tude as high as 100 A were necessary to generate mag-
netic fields of desired intensity. Such rectangular mag-
neti zation-reversing pulses were produced by agenera-
tor with the discharge circuit in the form of a coaxial
cable [1]. A thyratron with an ionization time of 10—
15 nswasused asaswitch. Theriseandfall timesof the
rectangular pulse in the aggregate did not exceed 50 ns
for a pulse duration of more than 0.5 ps. Thyratron-
igniting pulses were generated by a square-wave hand-
operated one-shot generator.

The duration of the current pulses was controlled by
the length of the storage cable; their amplitude, by the
charging voltage of the cable.

Rectangularity of amagnetization-reversing pulseis
akey issuein the method of interrupted magnetization.
To control the pulse shape, we used a trigger-mode
oscilloscope synchronized with the igniting-pul se gen-
erator.

The reversing-pulse generator terminates in double-
coil Helmholtz rings 1 (Fig. 3). In combination with the
generator, these low-inductance magnetization-revers-
ing rings generate rectangular magnetic pulses with a
duration from 500 ns to 10 ps and an amplitude from
80A/m to 4 kA/m. Constructively, the double-coil
Helmholtz rings are a part of the reversing device,
which can apply, along with pulsed magnetic fields,
mutually orthogonal uniform magnetic fields to the
sample (Fig. 3).

The reversing device (Fig. 3) consists of three pairs
of Helmholtz rings and a hollow ceramic sample holder
on a mica substrate. Rings 4 and 5 generate mutually
orthogonal uniform magnetic fields of intensity up to
16 kA/m and are fed by regulated current sources
(Fig. 3).

To exclude the effect of external magnetic fields (of
both natural and technogenic origin), the device was
placed in compensating Helmholtz rings generating
orthogonal triaxial magnetic fields (not shown in
Figs. 1-3).

To study the DW dynamics in a temperature range,
the reversing device was equipped with a specialy
designed thermal attachment (Fig. 1) consisting of air
compressor 9 and a copper tube with heating element 8.
The air from the compressor passes through the copper
tube with the heater and then enters the interior of the
sample holder, where it warms the mica substrate with
the sample. The sample temperature can be varied

TECHNICAL PHYSICS  Vol. 50
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Fig. 2. Domain walls visualized by using the meridional
Kerr effect.

Fig. 3. External view of the magnetization-reversing device
(not to scale). (1) Double-coil reversing rings, (2) sample
holder on mica substrate, (3) beam propagation direction,
and (4, 5) pairs of Helmholtz rings generating mutually
orthogonal magnetic fields.

between 20 and 150°C by varying the voltage applied
to the heater.

The temperature was measured with athermocouple
mounted in the magnetization-reversing device and a
digital voltmeter with an accuracy of 2%.

To automatize measurements, we developed a soft-
ware package making it possible to measure the DW
displacement and automatically generate data lists.

The DW displacement along the hard and easy mag-
netization axes is found by a change in the coordinates
of a cursor, which indicates the initial and final posi-
tions of the wall on the monitor. Three reference points
of the domain wall can be fixed simultaneously.

Along with DW displacements, the data list also
contains the name of the sample, its temperature, the
number of magnetization-reversing pulses, and the val-
ues of acting magnetic fields.

To improve the reliability of experimental results,
the program alows for statistical treatment of the
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results obtained under identical experimental condi- istry of Education and Science of the Russian Federa-
tions. tion.

Thus, the digital image processing techniques com-
bined with data acquisition and processing software REFERENCES
tools enable one to effectively study the DW dynamics :

; . 1. O.S. Kolotov, V. A. Pogozhev, and R. V. Telesnin, Meth-
using the setup based on the magnetooptic Kerr appara- ods and Equipment for Investigation into the Pulsed
tus. Properties of Thin Magnetic Films (Mosk. Gos. Univ.,

Moscow, 1970) [in Russian].
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Abstract—The variable distance pulsed phase-locked method is applied to study the temperature and fre-
guency dependences of the rate and coefficient of ultrasound absorption in diethyl siloxane and ethyloctyl silox-
ane in the frequency range 4-63 MHz at temperatures from 293 to 348 K. Based on experimental data, the fre-
guency dependence of the volume and shear viscositiesis derived. The values of the shear and volume viscosity
coefficients, aswell astherelaxation times of processes discovered, arefound. © 2005 Pleiades Publishing, Inc.

Organosiloxanes belong to the class of substances
whose molecules contain the main siloxane chain with
Si—O main-chain links and organic substitutesin silicon
[1, 2]. Some of the properties of organosiloxanes are as
yet little understood. Of special interest isinvestigation
into the relaxation of their viscoelastic properties by the
acoustic spectroscopy method. Data for the rate and
coefficient of ultrasound absorption are of great value
both for applications and for clarifying the domain of
applicability of the phenomenological theories of vis-
coelastic media. Compression and shear strains due to
elastic wave propagation change the arrangement of
molecules and their associated complexes, i.e., cause
restructuring modifying the structure-sensitive proper-
ties, which are of relaxation character. Accordingto[3],

a
12
where n¢ and ), are the shear and volume viscosities,
respectively.
Atn, = 0, we obtain the relationship

<l (& g
ngEBr]S + r]\D’ (1)

o _ 2164
== = —3Ns 2
N

which describes losses due to shear viscosity (Stokes
absorption). Quantity (a/f?) — (a/f?)g is called the
super-Stokes absorption. This absorption and, hence,
volume viscosity n, may be attributed to both structural
and thermal relaxation [3-5].

The objects of investigation in this work were
diethyl siloxane (DES) and ethyloctyl siloxane (EOS)
(the general formula
(C,Hs)3SIO[(C,H5),SI0],SiI(CoHs)s and

(CoH5)sSIO[C,HsCeH17,S10] 165 (CoHs)3,  respectively)
with triethyl siloxane terminal links. The samples were
prepared at the State Research Institute of Chemistry
and Technology of Organoelementa Compounds
(Moscow). Such compounds are used as lubricants and
biological liquids. The molar weights of DES and EOS
are 0.65 and 3.5 kg/mol, respectively.

The rate and coefficient of ultrasound absorption
were measured by the variable distance pulsed phase-
locked method [6, 7]. The thermal physical properties
of DESwere studied in [8]. The measurements are pl ot-
ted in Fig. 1 together with calculated values. At certain
temperatures, Stokes absorption (a/f?)s are seen to

exceed experimenta values of (a/f?) (domain Il in the
temperature dependences plotted in Fig. 2). Similar
results were obtained for high-viscosity liquids[9, 10].
This fact testifies that the volume and shear viscosities
relax at low temperaturesin the given compounds. Fur-
thermore, at al temperatures, the frequency depen-
dences of the absorption coefficient decrease monoton-
ically without clear-cut inflections, the presence of
which would indicate a set of widely spaced discrete
relaxation times. Thus, in DES and EOS, processes
related to volume and shear viscosity relaxation super-
impose.

According to the relaxation theory, specifically, in
terms of the single-process model, the frequency
dependence of the absorption coefficient is given by

a _ A

2 1+’

+ B. 3
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Table 1. Relaxation parameters of DES and EOS

SURNYCHEV et al.

. A B A Be T, T T,/Tg (a/fd)s | Bl(al/fd)s
be x1012, it &2 x10° s x1012, L &2
DES

0 0.28 0.61 0.37 0.58 8.2 6.4 128 102 0.60

5 0.27 0.59 0.28 0.58 7.9 6.1 1.30 0.90 9.65
10 0.25 0.57 0.25 0.56 75 57 131 0.80 0.71
15 0.24 0.55 0.2 0.55 71 53 135 0.72 0.77
25 0.22 051 0.14 0.52 57 4.2 135 0.58 0.87
45 0.18 0.43 43 0.4 1.00
60 0.15 0.37 34 0.4 102
75 0.13 0.30 27 03 0.95

EOS

0 181 116 22 0.9 122 6.9 177 30 0.39

5 1.60 1.07 172 0.87 106 6.4 167 26 0.41
10 145 0.98 15 0.83 9.4 6.1 153 23 043
15 1.28 0.90 115 0.79 8.4 55 153 20 0.45
30 0.91 0.68 0.75 0.64 6.2 41 151 14 0.50
45 0.66 053 4.0 10 0.55
60 0.50 0.41 37 0.7 0.58
75 0.40 0.36 28 05 0.66

Using these relationship, one can find relaxation
parameters A, B, 1, (relaxation time), and B/(a/f?)g
(Table 1).

The dependences of 1, were assumed to obey the
Arrhenius law with activation energies AE, listed in
Table 2.

The ultrasound velocity in both substances varies
considerably depending on frequency and temperature.
In the frequency range 4.2—63 MHz at atemperature of
303 K, it fallsinto the interval 1214-1219 m/sin DES
and into the interval 1309-1330 m/s in ECS; at T =
348 K, it varies from 1078 to 1102 m/s in DES and
from 1180 to 1240 m/s in EOS. Within the limits of
measurement error, the ultrasound velocity is a linear
function of temperature throughout the temperature
interval studied.

Knowing the relevant parameters, one can find vol-
ume viscosity ), by the formula

ny = %;[E%E-B] @

The values of n, for several temperatures and fre-
guencies are listed in Table 3.

Since in domain Il in Fig. 2 n, = 0, the ultrasound
absorption depends only on n; that is, quantity (a/f?),
becomes frequency-dependent. Taking into account the
values of (a/f?) in domain Il and assuming that A, +
B, = (a/f?),, one can find with (2) parameters A, B, and
T characterizing the relaxation of absorptionin the clas-
sical sense (Table 1), as well as activation energy AE;
(Table 2). Then, using the resulting values, one finds ng

Table 2. Activation energies for DES and EOS in kJ/mol

AE, | OE, | AE, | 0B, | AE | 2F,
DES EOS

131 | 118 | 178 || 153 | 166 | 246

TECHNICAL PHYSICS Vol. 50 No. 10 2005
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Fig. 1. Frequency dependences of (1-4) measured absorp-
tion coefficient a/f2 vs. (9-12) its values calculated by (3)
and (5-8) absorption coefficient (a/f 2)s caculated by (2)
for (@ DESand (b) EOS. T = (1, 5, 9) 30, (2, 6, 10) 45, (3,
7,11) 60, and (4, 8, 12) 75°C.

at different temperatures and frequencies (Table 3),

n, = ?;p—rf[a%—ss]. (5)

Table 3 lists ratios n,/n, for various temperatures
and frequencies, and Table 1 gives ratios 1,/T¢ at differ-
ent temperatures. In both materials, n,/ns < 1 and
1./t = 1.3-1.7. Both ratios depend on temperature only
dlightly. Therefore, we can infer that both materias
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Fig. 2. Temperature dependences of ultrasound absorption
coefficient a/f 2 at frequency f = (1) 4.2, (2) 9.6, (3) 27.3, (4)
45, and (5) 63 MHz vs. (6) absorption coefficient (a/f 2)S
calculated by (2) for () DESand (b) EOS. | and 11, domains
where a/f2 > (a/f?)g and a/f? < (a/f %), respectively.

exhibit structural relaxation. Thefact that the relaxation
times of volume and shear viscosities differ insignifi-
cantly and activation energies AE,, AE,, and AE, (the
activation energy of viscous flow, which was obtained
from the temperature dependence of the shear viscos-
ity) arefairly close to each other (Table 2) lets us sup-
pose that mechanisms underlying shear and volume
viscosities are of similar nature.

The datafor the relaxation behavior and viscosity of
DES and EOS suggest that the ultrasound absorption
coefficient, both viscosities n,, and ng, and activation
energy AE, are of greater importance for EOS, which
has longer-chain and more ridgelike molecules.
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Table 3. Values of n, ,ns and n,/nsfor DES and EOS at different temperatures and frequencies

and Thermodynamic Properties of Materials (Kursk.
Gos. Pedagog. Univ., Kursk, 1981), pp. 131-138 [in
Russian].

. V. F Yakovlev, Candidate's Dissertation (Moscow,
1952).

ny x 102, Pas Ns x 102, Pas Nv/Ms
t,°C f, MHz
4.2 92 | 273 | 45 63 4.2 92 | 273 | 45 63 4.2 92 | 273 | 45 63
DES
0 35 23 12 0.6 0.2 | 10 9.1 8.2 74 70| 034 | 025 | 0.15 | 0.080| 0.028
5 3.2 22 12 0.6 0.2 9.5 84 7.6 6.9 65| 034 | 025 | 0.16 | 0.087|0.034
10 29 2 12 0.6 0.2 8.0 7.8 7.0 6.4 6.0 | 0.36 | 0.26 | 0.16 | 0.095| 0.041
15 265| 19 11 0.6 0.3 6.9 6.9 6.4 59 56 | 0.39 | 0.28 | 0.17 | 0.104 | 0.048
20 24 17 11 0.6 0.3 5.9 5.9 59 54 51| 041 | 030 | 0.18 | 0.111| 0.057
25 22 16 1.0 0.6 0.3 51 51 51 5.0 47 | 043 | 0.32 | 0.20 | 0.120 | 0.065
EOS
0 |22 19 8.1 24 0.8 | 30 27 18 13 11 0.74 | 0.69 | 045 | 0.18 |0.07
5120 17 7.3 25 12 | 25 23 16 12 10 079 | 0.71 | 046 | 021 |0.12
10 |17 15 6.5 2.6 14 | 21 20 14 11 10 0.82 | 0.71 | 047 | 0.24 | 0.15
15 |16 13 58 2.6 15 | 18 16 12 10 9 0.88 | 0.79 | 047 | 027 |0.17
20 |14 11 53 2.7 15 | 15 14 11 8.9 80| 092 | 080 | 049 |[0.30 |0.18
25 |12 10 4.7 2.6 16 | 13 12 10 8.1 74 | 095 | 086 | 048 | 0.32 |0.22
30 |11 8.9 4.4 2.7 19 |11 11 8.6 7.4 6.8 | 099 | 085 | 051 |[0.37 |0.28
35 9.3 7.8 4.0 2.7 20 91 | 10 1.7 6.7 6.2 | 102 | 082 | 052 | 040 |0.32
REFERENCES 6. T. Litovitz and C. Davis, in Physical Acoustics: Princi-
_ ) ples and Methods, Ed. by W. P. Mason (Academic, New
. K. A. Andrianov, Methods of Organoelemental Chemis- York, 1968; Mir, Moscow, 1973), Vol. 2A, pp. 298-370.
try (Silicon) (Nauka, Moscow, 1968) [in Russian]. 7. J.Lamb, in Physical Acoustics: Principlesand Methods,
. M. V. Sobolevskii, I. I. Skorokhodov, and K. P. Grinev- Ed. by W. P. Mason (Academic, New York, 1968; Mir,
ich, Organic Sloxanes: Properties, Production, and Maoscow, 1973), Val. 2A, pp. 222-297.
Applications (Khimiya, Moscow, 1985) [in Russian]. 8. V. S. Kononenko, Doctoral Dissertation (Tashkent,
. M. V. Mikhailov, V. A. Solov’ev, and Yu. S. Syrnikov, 1995).
Fundamentals of Molecular Acoustics (Nauka, Moscow, 9. V. N. Khudaiberdyev, Z. N. Amanov, M. K. Karabaev,
1964) [in Russian]. etal., lzv. Akad. Nauk Uzb. SSR, Ser. Fiz. Mat. Nauk,
. L. S. Kagramanyan and A. L. Badalyan, in Ultrasound No. 1, 53 (1979). o o
10. 1. G. Mikhailov and L. I. Savina, in Application of Ultra-

sonics for Material Studies (MOPI, Moscow, 1957),
pp. 85-93 [in Russian].
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Abstract—An experimental method for checking the isotropy of the speed of light is proposed. It is based on
excitation of Cherenkov radiation by avirtual electric charge moving with a faster-than-light velocity. © 2005

Pleiades Publishing, Inc.

The motion of alight spot from arotating projector
on ascreenwas considered in classical works|[1, 2] (see
also [3-5]). If projector—screen distance Rislarge, i.e.,
satisfies the condition v, = RQ > ¢ (where v, isthe
linear velocity of the spot on the screen, Q isthe angu-
lar velocity of the projector, and c is the speed of light
in free space), the spot on the screen may take a faster-
than-light phase velocity (V). In [6], we proposed
faster-than-light spots of different nature (for example,
from arotating electron beam) satisfying the condition
Vprgg = RQ > ¢ that can be used for synchronization of
space-separated clockswith the aim to check the equal -
ity of the speeds of light in the forward and backward
directions and, thereby, to strengthen the validity of the
second postulate of special relativity [7].

In [2] (see dso [8]), faster-than-light spots of elec-
tromagnetic nature were investigated for feasibility of
generating Cherenkov radiation. Indeed, such a spot
moving over the inner surface of a cylindrical metallic
screen for a moment produces the nonuniform charge
distribution on the meta surface or, which is much
more efficient for generating Cherenkov radiation,
knocks out electrons from the metal (in the latter case,
the screen virtually serves as a cathode). Thisgivesrise
to a virtual eectric charge moving with a velocity
Vo > C. However, to overcome the potential barrier
(electron work function), an electromagnetic radiation
with a wavelength much shorter than that of visible
light is required. Such an experiment with X rays has
been recently carried out to advantage in [9] (however,
under conditions somewhat different from those sug-
gested in [2, 8]).

The aim of this study isto experimentaly verify the
isotropy of the speed of light by generating Cherenkov
radiation with avirtual electric charge[2, 8, 9] moving
with afaster-than-light velocity.

First, recall that special relativity assumes the speed
of light to be isotropic; therefore, an experimental sup-
port of this assumption would be a direct proof of the

validity of special relativity or, more precisaly, of its
second postulate. Anisotropy of the speed of light is
asserted, for example, in the theory of luminiferous
ether. This outdated but unfortunately still persisting
theory states that, in a certain hypothetical inertial
frame of references (IFR) in which the ether is at ret,
the speed of light isisotropic and equals ¢, whilein any
other IFR, the speed of light is the sum of speed c the
direction of which coincideswith that of the source and
ether velocity vy, Without loss in generality, the ether
velocity may be directed along the X axis. Then, the
light from a source oriented at angle ¢ to the X axis has
the velocity

2

2v v
" cosd + Cizt“ (Vg < C),

c

V(o) = %/1+

and propagates at the angle

csind
ccosd + V g,

W(¢) = arctan

to thisaxis.

Note that, if vy, =0,V =cand @ = ¢. Straightfor-
ward while cumbersome cal culations show that, if the
source placed at the center of a cylindrical screen
rotates with angular velocity Q, the spot moves on the
screen with the linear velocity

% v 2
%+ ﬂ‘cosQ%/l + 2050t + L
c c c?
=, (1)
v

v Vh
1+2-=cosQt + RQ=5'snQt + =
c C

wheretisthetime.

1063-7842/05/5010-1383$26.00 © 2005 Pleiades Publishing, Inc.
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This expression may be considerably simplified by
omitting small quantities v,/c and v3,/c? < RQ/c,
RQ

Vg = Y . (2)
1+RQ—"sinOt
Cc

Sincethe velocity of the spot isperiodicintimeand,
hence, so is the velocity of the virtual charge, the
parameters of Cherenkov radiation (the apex angle and
the radiation frequency) will vary in a similar way.
Moreover, when radius R is so large that

RQV g, >, (3)

even the direction of motion of the spot on the screenis
bound to periodically vary in time* with the velocity of
the spot tending to infinity at certain instants. Such vari-
ations are basically detectable, and their absence would
be direct evidence for the validity of the second postu-
late. In the opinion of adherents of the theory of lumin-
iferous ether, velocity vy, liesin the range from 30 (the
orbital velocity of the Earth) to 360 km/s (the velocity
of the Solar System with respect to the IFR where the
relic background isisotropic [13]). Thus, condition (3)
ismet with v,,; = RQ falling into the range (103-10%)c.

Let us now consider how to make a virtual charge
move with afaster-than-light velocity on the surface of
a cylindrical screen using rotating continuous X-ray
radiation (see [2, 8]). One obvious way is to rotate the
X-ray source, as was done in [14] for detection of the
Sagnac effect. However, to impart a sufficiently high
angular vel ocity to the source seems unrealistic because
of its considerable weight. Another way isto make use
of the transient radiation (predicted as early asin 1946
[15]), which arises when an electron beam crosses the
interface between two insulators with different permit-
tivities. Currently, portable sources of transient X-ray
radiation based on multilayer periodic nanostructures
are being developed [16]. Finally, one can use X rays
reflected from a rotating X-ray mirror, for example,
from a silicon single crystal serving as a diffraction
grating with the source remaining quiescent [14].

However, rotation of an X-ray source (or beam) is
not a necessary condition for creating a faster-than-
light spot. Instead, one may use a short widdly diver-
gent X-ray pulse and a specially configured screen.

Thisideawasimplemented in [9].2A short (0.3-0.5 ns)
pulsed beam with a diameter of =1 mm from a high-
power optical laser (A = 1.315 um) was incident on a
planar gold target, inducing a short (0.6-1.0 ns) X-ray
pulse with a spherical wave front. Striking an alumi-

1 such aconjectureis difficult to recognize: nobody has observed a
change in the direction of mation of light spots from pulsars[1, 2,
10] or from a diffraction grating [11, 12]; the absence of such
observations is indirect evidence for the isotropy of the speed of
light.

2 A comprehensive theoretical consideration of experiments [9]
can befound in [17].

MALYKIN

num cathode, this pulse knocked out electronstoward a
grid anode, which was under a voltage of several tens
of kilovolts. The anode, being transparent to X raysand
electrons, accelerated the eectron flow and, thus,
greatly enhanced the Cherenkov radiation power. The
presence of the anode has a negligible effect on the rel-
ativistic effects concerned. If the cathode (screen) were
cylindrical, al parts of the incident X-ray pulse with a
spherical wave front would reach the cathode surface
simultaneously, which corresponds to v, = . It is
known, however, that a virtual charge moving over a
screen (cathode) with an infinite velocity does not
induce Cherenkov radiation. Therefore, the cathode
used in [9] was made in the form of an 850-mm-long
plane-parallel plate placed 340 mm from thetarget, i.e.,
from a point X-ray source. The distance from the
sourceto the near and far ends of the plate was 400 and
1100 mm, respectively. The angle of incidence on the
cathode surface ranged from 70° to 25°. In this case,
velocity v, of the virtual charge on the cathode was
not constant: under the assumption that the speed of
light is isotropic and equal to c, it varied from 1.3c to
1.05c at the near and far ends of the plate, respectively.
These values are in agreement with the parameters of
Cherenkov radiation measured in [9]. Thus, the results
of [9] suggest that the anisotropy of the speed of light
does not exceed 25-30% for angles near 40°; other-
wise, Cherenkov radiation from certain regions of the
cathode would be absent. Since measurements in [9]
were taken at various times of the astronomical day,
that is, at different orientations of the experimental
setup with respect to outer space, this conclusion is
valid for awider range of angles.

Although the accuracy of estimating the isotropy of
the speed of light in [9] is not high, this does not mean
that such an approach to verifying the basic postulates
of special rdativity should be disregarded. Recall that
the pioneering experiments of Michelson [18] also fea
tured a very low accuracy; moreover, it was even over-
estimated by afactor of 2, asindicated by Lorentz [19].
In the subsequent experiments by Michelson and Mor-
ley [20], the accuracy was appreciably higher, and to
date it has been improved by several orders of magni-
tude [21, 22]. Note that experiments similar to those of
Michelson and Morley may only indicate that the average
speed of reciprocating light is the same in dl directions
(for details, see[6]). Study [9] wasthefirst to demonstrate
the feasibility of experimentally checking the isotropy of
one-way speed of light; in this respect, its significance
for special relativity can hardly be overstated.

The upper estimate of the anisotropy can be deter-
mined with a much higher accuracy by using the cath-
ode of a special shape. Specifically, if the cathode rep-
resents a fragment of the Archimedean spiral [23], the
virtual charge will move with constant velocity v,
naturally, provided that the speed of light is isotropic.
Under this condition, the equality v, = Kc (whereKis
the excess velocity factor) is satisfied when distance R
No. 10
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between a point X-ray source and the cathode depends
onangle¢ as

R(O) = R+ 0= RO+ ()

proj
where R, is the minimal source—cathode distance.

For vy = 103 ¢, Ry = 1000 mm, and angle ¢ varying
by 40° along the cathode, it follows from formula (4)
that the far end of the cathode is 1000.4 mm distant
from the X-ray source. Such an accuracy of manufac-
turing and installing the cathode is practically feasible.
L et the speed of light be anisotropic and the anisotropy
be greater than 1072 of its mean value c (in terms of the
opponents of special relativity, this corresponds to the
condition v, > 300 km/s). Then, it iseasy to check that
the projection of a spherical wave (spot) onto a screen
(cathode) in the form of the Archimedean spiral would
periodically change the direction of motion, as in the
case of a rotating X-ray beam and cylindrical screen
(see formulas (2) and (3)). The absence of such an
unusual behavior of the spot would serve as a direct
proof of the second postulate. Clearly, the deviation of
the X-ray wave front from ideal sphericity has to be
substantially smaller than 0.4 mm and a large number
of sensors should be located over the cathode surface to
detect the Cherenkov radiation (in [9], three sensors
were used). Another important factor in the case at hand
is the X-ray pulse duration: if the pulse is too long, al
parts of the wave front almost simultaneously reach the
cathode surface and the size of the spot becomes com-
parable to that of the cathode. In our conditions, the
spot will be sufficiently small if the X-ray pulse dura-
tion ismuch shorter than 1 ps. The larger the value of K
(the excess velocity factor), the smaller should be the
step of the Archimedean spiral and, accordingly, the
shorter should be the X-ray pulse.

The main result of this study is that the isotropy of
the one-way speed of light is confirmed by the charac-
teristics of the Cherenkov radiation induced by the spot
of an X-ray beam moving with afaster-than-light speed
over the screen (cathode). The spot may be produced
both by arotating source of continuous X-ray radiation
(then, acylindrical screen should be used [2, 8]) and by
a pulsed X-ray beam with a spherical wave front (the
screen in this case should be plane [9] or have the form
of asegment of the Archimedean spiral.
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Abstract—The complex susceptibility of a magnetic fluid based on vacuum oil, which is used in engineering
asamagnetosealing liquid, isinvestigated. Features of magnetic moment rel axation of disperse particles, which
are associated with their structural organization under the action of external factors, are determined from anal-

ysis of theresults. © 2005 Pleiades Publishing, Inc.

INTRODUCTION

Magnetic and structura properties of magnetic flu-
ids (MFs) have been studied by many authors [1, 2].
Kerosene-based MFs are the most abundant and well-
studied objects. However, fluids based on more viscous
substances, such as mineral oils and organosilicon
materials, have found applications in practice. The
effects of interaction of particlesin such MFs and their
structural properties have not been studied extensively
as yet. This work is devoted to experimental study of
the effect of structural organization on magnetic
moment relaxation of disperse particles in a magnetic
fluid based on vacuum ail.

EXPERIMENTAL TECHNIQUE AND OBJECT
OF INVESTIGATION

Astheinitial sample, we used a magnetic fluid with
magnetite particles based on vacuum oil with avolume
concentration of ¢ = 8.6% and a saturation magnetiza-
tion of 4.3 kA/m. The sample was ahomogeneous mag-
netic fluid, which was stable to phase separation upon a
changein temperature and under the action of magnetic
fields. The initia sample was used to obtain a concen-
tration series of magnetic fluids consisting of 14 sam-
plesby diluting with acarrier fluid; the concentration of
the most dilute sample was ¢ = 0.67%. The magnetic
susceptibility was measured by the bridge method. The
real (x") and imaginary (X") parts of the complex mag-
netic susceptibility were calculated from the changein
the inductance and Q-factor of the solenoid upon intro-
duction of the sampleinto it. Measurements were made
using an L CR-817 immittance meter; the error in deter-
mining the effective value did not exceed 0.1% for the
real part X' of magnetic susceptibility and 0.3% for its
imaginary part X". Frequency dependences of the sus-

ceptibility were studied in the absence and in the pres-
ence of a constant uniform external magnetic field.

EXPERIMENTAL RESULTS
AND DISCUSSION

It was found that the initial segment of the concen-
tration dependence of the magnetic susceptibility dif-
fersfrom linearity only slightly up to aconcentration of
~4% (curve 1in Fig. 1).

The action of a constant external magnetic field
leads to “smoothing” of the X'(8) curve so that it

X' % 10%
30+
1
2
20+
4
10
1 1 1 1
0 4 8

0. %

Fig. 1. Dependence of the magnetic susceptibility on the
concentration of disperse particlesunder the action of acon-
stant magnetic field H, kA/m: 0 (1), 2.15 (2), 4.3 (3), and
5.8 (4).
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becomes almost linear in the entire concentration range
for large values of the constant magnetic field
(curves2—4inFig. 1).

Optical microscope observations revealed that
structure formation processes begin in amagnetic fluid
upon achangein its concentration by diluting theinitial
homogeneous sample in a concentration range corre-
sponding to 4%. The largest number of aggregates are
observed in samples with a disperse phase concentra-
tion of 3-3.5%; thisis also confirmed by the results of
analysis of light scattering from thin layers of the sam-
ples (curve 1 in Fig. 2 was obtained in zero magnetic
field, while curve 2 was obtained under the action of a
magnetic field = 4.6 kA/m directed along the plane of
an MF layer). Here, |, is the intensity of light incident
on the sample and | isthe intensity of scattered light.

We can assume that dilution of an initially homoge-
neous MF leads to the formation of aggregates with
partly closed magnetic moments of single-domain dis-
perse particles due to the emerging deficit of a surface-
active substance. The presence of such aggregates may
be responsible for the linearity of the initial segment of
the concentration dependence. Under the action of a
constant external magnetic field, the aggregates are
combined into chains aligned along the direction of the
field, which results in the experimentally observed
enhancement of anisotropic light scattering under the
action of thefield.

It was found that the frequency dependences of the
imaginary part of the complex magnetic susceptibility
obtained in zero field and under the action of a constant
external magnetic field are different for all samples
studied here. In zero externa field, susceptibility x"
increases monotonically (curve 1 in Fig. 3) with the
measuring field frequency. After the application of a
magnetic field, the frequency dependence x"(f) of the
imaginary part acquires a peak at a certain frequency
depending on the value of the constant magnetic field
(curves 2—7 in Fig. 3). As the magnetic field increases
from O to ~1.6 kA/m, the frequency corresponding to
the peak of X" dightly decreases, while a further
increase in the magnetic field leads to itsincrease. Cal-
culating the effective magnetic moment rel axation time
of disperse particles using the peak frequency (t = 1/f,),
wewere ableto plot the dependence of T on the external
magnetic field, which is shown in Fig. 4 (Figs. 3 and 4
show the dependences obtained for a sample with con-
centration ¢ = 8.6%; the dependences obtained for
remaining samples are analogous). Our experiments
also led to the dependence of the relaxation time on the
disperse phase concentration ¢ for various values of the
magnetic field (Fig. 5).

The observed features of magnetic moment relax-
ation are apparently associated with the emergence of
structural organization in the system of disperse parti-
clesunder the action of amagnetic field, which wasthe-
oretically investigated earlier in[3-6]. In particular, the
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Fig. 2. Dependence of the relative intensity of light scatter-
ing on the concentration of disperse particles.
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Fig. 3. Frequency dependence of the imaginary part of the
complex magnetic susceptibility under the action of a con-
stant magnetic field H, kA/m: 0 (1), 0.4 (2), 0.8 (3), 1.75(4),
3.26 (5), 6.45 (6), and 9.67 (7).

time variation of relaxation upon the formation of chain
aggregates in magnetic fluidsis considered in [3].

The qualitative agreement between our results and
the conclusions drawn in [ 3] suggests that the observed
features of the magnetic properties of the MF samples
studied here are associated with the formation of chain
aggregates under the action of a constant external mag-
netic field. The chain parameters depend on the dis-
perse phase concentration, the initial structural state of
the sample, and the magnetic field strength.



|
0 5 10
H,kA/m

Fig. 4. Dependence of the relaxation time on the constant
magnetic field.
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Fig. 5. Dependence of the relaxation time on the concentra-
tion of disperse particles under the action of aconstant mag-
netic field (1) H = 3.26 and (2) 6.45 kA/m.

It should be noted that, in actual practice, a spread
of particle size is observed in amagnetic fluid. For this
reason, a magnetic fluid cannot be described by a dis-
crete set of relaxation times: it is characterized by a set
of relaxation times T with a weight ¢(1). Function ¢(1)
isintroduced in such away that quantity c(t)dt isapart
of the equilibrium differential magnetic susceptibility
dM/dH with arelaxation time varying from t to T + drt.
In this case, we can write

ooooc(r)dr
—_—N 1
01+oo2r2 @

h c(t)dt

v X'(w) =
2_2
01+oor

X'(w) =

GLADKIKH et al.

for the complex magnetic susceptibility components,
where w = 27.

The relaxation time distribution function c(t) in for-
mulas (1) can be calculated from the experimentally
obtained dependences x'(w) and x"(w). This problem
was solved in[7], where it was found that the behaviour
of magnetization for low frequencies can be described
by asingle effective relaxation time 1:

Ty = %Ic*(é)dr, < = [e(ud @)
0 0

Here, function c* (&) isintroduced as a result of substi-
tution of variables (1 = exp(BE), c(t) = c*(§)exp(—pE),
B =1n10) so that the relation ¢*(£)d¢ = c(1)dt holds.

The largest contribution to the effective relaxation
time comes from values of time T corresponding to the
largest value of ¢*. However, the contribution of parti-
cles to the magnetic susceptibility of afluid is propor-
tiona to the sguare of their volume. Consequently,
large particles considerably affect the magnetic proper-
ties of the liquid in spite of their small number.

In a constant magnetic field, the particle relaxation
time decreases in an increasing field. The field depen-
dence of the relaxation time is determined by the Lan-
gevin parameter MVH/KT [8]. For coarse particles, the
Langevin parameter becomes large even in wesak fields.
As aresult, function ¢* (&) decreases sharply. For the
same value of field, coarse particles are closer to satu-
ration than small particles. Consequently, the contribu-
tion of coarse particles to the susceptibility decreases
with increasing field more rapidly than the contribution
from small particles. As a result, the relaxation time
decreases. Aggregation processes occurring in an MF
under the action of a magnetic field enhance the effect
of the above processes on the relaxation time.

We can assume that it is these processes that are
responsible for the features of magnetization rel axation
observed by us here. The application of a constant
external magnetic field to an initially homogeneous MF
initiates the formation of chain aggregates. This leads
to an increase in the relaxation time (Fig. 4). Upon a
further increase in the magnetic field, the chain growth
continues, but the decisive roleisthis caseis played by
the growth of aggregates, which leads to a decrease in
relaxation time .

It should also be noted in conclusion that the high
serviceability of the sample under investigation in MF
sealing is apparently associated with the emergence of
structural ordering under the action of a constant mag-
netic field.
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