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Abstract—The absorption cross section for the energy of an electric field aligned with the symmetry axis of a
cylindrical metal particleiscalculated. Theradius of the particle is assumed to be much smaller than itslength.
As the boundary condition of the problem, diffuse reflection of electrons from the inner surface of the particle
istaken. Limiting cases are considered, and the results obtained are discussed. © 2005 Pleiades Publishing, Inc.

INTRODUCTION

The electromagnetic properties of fine metal parti-
cles may differ substantially from those of bulk metal
[1]. If linear size R of ametal iscomparableto electron
freepath A\, R< A, or smaller than A, R< A, interaction
of electrons with the metal boundary has a significant
effect on the response of the electrons to an applied
magnetic field. This circumstance is responsible for
specific optical properties of metal particles. When R <
N\, abasic optical characteristic, absorption cross sec-
tion, depends on ratio R/A in a nontrivial manner. In
highly conductive metals (aluminum, copper, silver,
and others), electron free path A ranges from 1 to
100 nm at room temperature. Particles studied in exper-
iments are usually several nanometers across; that is,
the condition R< A holds.

The response of the electrons to an applied electro-
magnetic field with allowance for electron—boundary
interaction may be treated in terms of the conventional
kinetic theory of conduction electrons in metals [2],
which does not impose restrictions on ratio R/A.

The equations of macroscopic electrodynamics are
applicable to “bulk” samples, for which R > A. There-
fore, the well-known Mie theory, which describesinter-
action of electromagnetic waveswith metallic bodiesin
terms of macroscopic electrodynamics, failsin treating
the size effect mentioned above.

A theory of interaction between electromagnetic
radiation and a spherical particle was elaborated in
[3, 4]. Somewhat earlier, Trodahl [5, 6], considering the
limiting case R < A at low frequencies (far infrared),
cameto the sameresult asin[3]. In all the works cited,
the approach to the problem was based on solving the
kinetic Boltzmann equation for conduction electronsin
metals. An aternative approach was developed by
Bondar’ [7, 8].

Particles encountered in nature and used in applica-
tions are frequently nonspherical. Because of this,

interest in interaction between electromagnetic radia-
tion and nonspherical particles has greatly increased in
recent years [9-13]. Interaction of electromagnetic
radiation with ellipsoidal particles was considered in
[9] and with cylindrical particlesin [10-13]. However,
works [3-6, 10-13] analyze only the magnetic dipole
absorption of fine metal particles. Of interest are also
works [14, 15], where relevant quantum-mechanical
effects, which become significant at low temperatures,
are touched upon.

In this work, a distribution function describing the
linear response of conduction electrons in a homoge-
neous cylindrical particleto the variable electricfield of
a plane electromagnetic wave is calculated using the
kinetic approach. From this distribution function, the
absorption cross section as a function of the frequency
and particle radius is determined. Also, the case of a
low-frequency external field and a low electron—€lec-
tron collision rate inside the particle is discussed.

1. MATHEMATICAL MODEL
AND CALCULATION

Let a metal nonmagnetic cylindrical particle of
radiusRand length L (with L > R) be placed in thefield
of aplane electromagnetic wave with frequency w that
is much lower than plasma resonance frequency w, in
metals (w, ~ 10'® s*). The particle is considered to be
small; that is, R < 2rc/w (c is the speed of light in free
space). The applied field is assumed to be uniform, and
the skin effect is disregarded (it is assumed that R < 9,
where d is the skin depth).

Consider the case when this particle interacts with
linearly polarized electromagnetic radiation, the sym-
metry axis of the particle being orthogonal to the prop-
agation direction of the radiation.

Let field strength E make angle y with the axis of the
cylindrical particle. Then, the projection of the field
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strength vector onto the cylinder axisisE; = Ecosy and
onto the direction perpendicular to the axis, E, = Esiny.

The absorption cross section of the particle can be
represented as

2 .2
0 = 0,008y +0,sn’y.

Quantity o, is related to projection E,; of the field
strength vector; a,, to projection E,.

Inthiswork, we calculate g, (subscript 1 ishereafter
omitted). If electric field strength E of the electromag-
netic wave runs normally to the cylinder axis, magnetic
field strength H isaligned with the axis. In thiscase, the
magnetic dipole absorption by the particle, which is
due to eddy currents, makes amajor contribution to the
absorption cross section. This type of absorption was
discussed in [10-13].

In the cylinder is sufficiently long, the electric field
of the wave is unscreened in most of the cylinder. To
estimate the parameters corresponding to such condi-
tions, we turn to the well-known solution for a prolate
ellipsoid in an electric field [16] by recognizing that a
sufficiently long cylinder can be approximated by a
prolate ellipsoid. The electric field of aprolate ellipsoid
of revolution with semiaxes a, b, and d (a> b = d) that
is placed in a uniform electric field aligned with its
symmetry axisis given by [16]

Eex

B S T - Dn(e)’
where
_1-€r l+e
n(e) = o [InDl_eD—Ze}

is a coefficient depending on eccentricity e of the ellip-

soid (e= /1 —b*/a%), E,, isthe external electric field,
E, istheinternal electric field (the electric field inside
theellipsoid), and g, isthe permittivity of the ellipsoid.

In the absence of screening, E;; = E. and, hence,
1+ (g —1)n(e) = 1. Thisapproximate equality isvalid
if |&.n(e)] < 1 (the unity in the parentheses may be
ignored, since the permittivity of metalsis very high).

Then, using the Drude formulas for the frequency
dependence of the permittivity, £(w), and conductivity,
>(w), of metals [17] (we assume that the frequency of
the applied field is much lower than the frequency of
electron—€lectron collisions inside the particle; that is,
Wt < 1),

g(w) = 1+i(4nd w/w),
where

S (w = 2(0)/(1-iw1),

$(0) = €nt/m,

e and m are the electron charge and mass, respectively;
n is the concentration of conduction electrons; and T is
the electron relaxation time), and also the definition of
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eccentricity (if a prolate ellipsoid is identified with an
infinite cylinder, semiaxes b and a are identified with
the radius and half-length of the cylinder; that is, b=R
and a=L/2; note also that e — 1 for an infinite cylin-
der), we obtain, by the method of successive approxi-
mations, alimiting relationship between the radius and
length of the particle (I = R/L),

. [w |, #m0)y
< 8112(0)/ InD o O

Additionally, we make conventional physical
assumptions: conduction electrons are viewed as a
degenerate Fermi gas, and their response to an applied
magnetic field is described with the Boltzmann equa-
tion in the relaxation time approximation. It is remem-
bered that diffuse reflection of electrons by the inner
surface of the particle is taken to be the boundary con-
dition.

Absorption of the electromagnetic wave energy by a
cylindrical particle can be described asfollows: the uni-
form time-periodic electric field of the wave,

E = Eyexp(-iwt), D

acts on conduction electrons in the particle and causes
deviation f; of their distribution function f from equilib-
rium Fermi distribution function f,. That is,

mv’

2 1
wherer isthe radius vector (the origin is placed on the
axis of the particle) and v is the electron velocity.

The field—€electron interaction generates a high-fre-
quency current,

f(r,v) = fo(e) + fy(r,v), €=

3
0 IMV) = e J’vf1d3v, )

where h isthe Planck constant, and also causes dissipa-

tion inside the particle. Energy Q dissipated per unit
time (dissipated power) is given by [16]

Q = [(ReE) [(Rej)dr = %Rej'j Erdr. (3

Here, the bar meanstime averaging and the asterisk, the
complex conjugate.

In (2), distribution function is normalized in a stan-
dard manner so that the density of electron states is
2/h3. For equilibrium distribution function fy(€), we use
the step approximation

i,

O<e<eg;
fo(e) = B(er—¢) = Ep . <e
] F ]

where g = mv,Z:/2 is the Fermi energy and v is the
Fermi velocity.
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ABSORPTION OF ELECTRICAL ENERGY

It is assumed that the Fermi surfaceis spherical.

The problem isreduced to finding deviation f; of the
electron distribution function from equilibrium func-
tion f, (f; isinduced by high-frequency field (1)). In an
approximation linear in electric field, function f, satis-
fiesthe kinetic equation [2, 17]

—iwf, +va]c +e(v EE)af°=—f—l, (4)
ar T

whereit isassumed that f; ~ exp(—wt) and the collision
integral istaken in the relaxation time approximation,

f
(dfydy), = -

Solving Eg. (4) by the method of characteristics
[18], we arrive at

= A(exp(—vt)—1)/v, t'=0, (5)

where
. of,
v=1Ut-iw, A =-ev [E)ﬁ-s— (6)

and parameters v and A (characteristics) are invariable
along the trajectory. Parameter t' in (5) is the time an
electron takes to move along the trgectory from the
boundary where it reflectsto point r with velocity v.

To uniquely determine fy, it is necessary to set a
boundary condition for it on the cylindrical surface.
Such a condition is taken to be diffuse reflection of
electrons from this surface [2],

- R
vy =0 a 9" @)
HDB/D<O!

where r; and v are the components of radius vector r
and velocity v of an electron in the plane normal to the
axis of the inhomogeneous cylinder.

When the el ectron reflects from the boundary of the
particle, parameter t' in (5) is defined as

t = {ro o+ [(ro D)’ + (R-r2)vi " Iv2. ()

The above expression results from the following
geometric considerations. Projecting the obvious vec-
tor equality r =ry + vt' (Wherer isthe radius vector of
the electron at the time it reflects from the boundary of
the particle) onto the plane normal to the cylinder axis
givesr =rqy + vit', where vectors r; and r o, and v
are the components of the starting vectorsin the projec-
tion plane. Squaring both sides of the latter equality
and solving theresulting expression for t' yields expres-
sion (8).

Relationships (5), (6), and (8) completely define
solution f, to Eqg. (4) with boundary condition (7).
So, we can now calculate current (2) and dissipated
power (3).
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To take integrals (2) and (3), it is convenient to pass
to the cylindrical coordinates both in the coordinate
space(ry, ¢, z zisthe polar axis aligned with vector E)
and in the velocity space (v, Q, V,; here, v, isthe polar
axis). The cylinder axis coincideswith the zaxis. In the
cylindrical coordinates, field (1) has only the z compo-
nent,

E = Ee,; E, = Egexp(—iwt). 9

Accordingly, so does current (2) (the current lines
are straight lines parallel to the z axis),

. 3né®
i, = puy J’v 3(e—g)(1—exp(-vt))d’v. (10)

Above, we took into account that the concentration
of conduction electronsin metalsis given by

n-ZEmJIfodv _Z%IHQTIVF

Electromagnetic radiation absorption cross section
o isfound by dividing dissipated power Q (see (3)) by
the mean energy flux in the wave equa to cE(Z, /8m,

18”Re{Ij Erdn

or, inview of (10),

_1 8n
2CE0 [J4nvFv

x [Ivfé(s— &-)(1— exp(-vt'))d’v] E* d’r E
O

Taking advantage of the properties of the & function,
we can write

d(e—¢g) = %5[V§—(Vi—Vzm)]

- %5[(\/1_A/vi—vé)(vz+A/V§—Vé)]
1 2 2
= —————[3(V,— A VE=VD)
myvi-v? v e
+3(v,+ JVE- V)]

Owing to the symmetry of the problem, weintegrate
over the positive range of velocities v, (rather than over

2
=5(v,+vh-ve) =
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the entire range) and double the result to obtain

1 8T[ 0,.3né° E,
2cEO |:+r4T[V,:V

xIV (v, =V )(1 exp(~vt'))d V}E*d ‘D
vi_v? O

Then, in view of (9), we have

18m_ O3ne” 2
ZCEORe%ET__ IEoexp(—wt)
[ va3(v,—JvEi-v?)
I JVE—VvE

(1- exp(—vt'))dsv}

x Egexp(ioot)d’r E
O

or, upon straightforward transformations,

2 2 2
= ReE 6nej J.|:J,V25(VZ—A/VF—VD)i|
[MCV gV JVE—v?

x (1—exp(—vt‘))d3v}d3rg
0

With the limits of integration in the inner integral
taken into account, we come to

G = EBne mj.{ e

Dmchv III /VF_V
O
><6(vZ—A/v§—vé)(l—exp(—vt'))ddeadvz}dgr[1
O
Integrating over variable v, and substituting thelim-

its of integration into the outer integral yields

R2mL ~VE2T
6ne

o= R [l
x(1- exp(—vt‘))ddea}dedeq)dzE
U

The integrals over variables ¢ and z are elementary
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ones; therefore,

R

0
o= Re[|6i2nL rodrg
mev v

Vg2

U
xIIVDA/vﬁ—vé(l—exp(—vt'))dvmdaE
00 D
Eventually, we have

g = Re[|—12]Trle LIderD
0 mchv

(11)

Vg2

><J'J’VDA/vﬁ—vé(l—exp(—vt'))dvmdaE;
00

For further computation and analysis, expression (11)
for the cross section of applied field energy absorption
is convenient to recast in the form

D24T[ne L
D mchv
(12)

Ve2m

x”v@/vi—v§(1—exp(—vt'))dvuda E
00

(the motion of electronsis symmetric about any diame-
tral plane wherethe point of their position on thetrajec-
tory lies; therefore, we may assume that angle a varies
from O to 1tin the velocity space and double the result
of integration over this variable).

Introducing new variables,

_fo Ve
E - R, p - VF’
= —_ = [:1._' jz. = —
zZ = VV,: E; I()%VF X—=1y

where

n = (§cosat + A/1—&%sin“at).

Here, wetook into consideration that r ; V5 = rgvcosa
(al electrons on the Fermi surface inside the particle
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move with velocity v¢). Formula (12) can then be rep-
resented as

5 = Re Ez4nne R® LJ.Edz

(13)

im
“[[o h—prd= expi—zn/p))dpda 5
00 O

Absorption cross section (13) isrecast in the form

0 = o.F(x,Y), (14
where
_ 24ame’R’L
0 mcve
1
N
F(x,y) = Re[&d¢
° (15)

in
- — g
xjjp /1_p2(1 expé Zn/p))dpdag
g

00

Let us make change of variables a — n in the
inner integral; then,

cosa = (n®+&-1)/2ng,

a = arccos((n’ +&°—1)/2n%),

1
do [1 (n°+& —1)} [ —n2 }dn
an’e’? 2n%¢
Now, the dimensionless absorption cross section
takes the form

1 imn

g ad
F(x,¥) = Regfdp([(...)d¢dan
JPAfI%

1 11+¢

= ReD—J’dp“’( )dEan

01-¢

Next, changing the order of integration, we have
1
O

F(x,y) = Regf-d [jdn j( )dE

0 1-n
1

O
+{dnn‘[l(...)di}g
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1

1
>+ & -1 re2=n*-1
l.[ [1 4n’g? }[ 2n’t }EOE

-n

1 ; 2 2
- I[l (°+¢ —1)} i
1 4n’e? 2n7¢
_ _% /4—712,

the dimensionless cross section of absorption by the
cylindrical particle becomes

1
F(Xy) = Re%[pdl—pzdp
0

2
><‘[(1—exp§—zn/p)) 4 —nZan E,
0

Integrating by partsin the inner integral, we obtain

1
0 2
F(x,y) = Reﬁl-zb’—gg—ﬁ/l_pwp
0

0
+[[ed1-p" == d [n +B exp(—zn/p)}dpdnm
00 V4—r] g

Integrating this expression yields

U1 Tt
F(xy) = RG%‘Z[%— 82

(16)

12 2
+H[[5 1 [exp(—zn/p)]o\om}
-n
00
The frequency dependences of dimensionless cross

section F(x, y) numerically calculated for the extended
cylindrical particle are shown in Figs. 1 and 2.

2. ABSORPTION AT HIGH AND LOW
FREQUENCIES

L et us concentrate on the case when frequency w of
the applied field and the frequency of electron—€lectron
collisions (1/1) in the bulk of the metal are low com-
pared with the frequency of electron collisionswith the
inner surface of the cylindrical particle. In other words,
thecaseat handis|z < 1.

The exponential entering into (15) may then be
expanded in the Taylor series. Leaving the first two
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Fig. 1. Dimensionless absorption cross section F vs. dimen-
sionlessfrequency y at x = (1) 0.3, (2) 0.6, and (3) 0.9.

termsin the series, we get
1

F(xy) = J’EdE
0

im
XIIA/l—pZ(Ecosa +J1-&%sn‘a)dpda = :T—g[
00

Hence, the cross section of “low-frequency” absorp-
tion is given by

_ 8’ne’RL
o=—-,

mcv e (17)

If |2 > 1, expression (16) has an asymptote. Ignor-
ing the term containing the exponential (it quickly
decays) and the term proportional to 1/72, we arrive at
an expression for dimensionless absorption cross sec-
tion F(2),

1 0

Ot
F(z) = Re(z———=0O.
(2) = ReLB 20 v
Upon agebraic transformations, cross section (14)
for “high-frequency” absorption takes the form

o(z) =0 ReDlTLD = gm—>—
° %Z(X, g 63+ y?

This expression corresponds to the Drude classical
formula for electric absorption by a homogeneous
extended cylindrical metal particle. It implies that,
when the free path of electronsin the particle is small

ZAVITAEV, YUSHKANOV
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0.4F
0.3

0.2

0.1

Fig. 2. Dimensionless absorption cross section F vs. dimen-
sionlessreciprocal electron freepathxaty=(1) 0.3, (2) 0.6,
and (3) 0.9.

(x> 1, x >y), the absorption cross section decays as
1/x. In the opposite case (x < 1, which isvalid for pure
metals), the absorption cross section for the extended
particle varies as ratio x/y.

3. DISCUSSION

Work [9] was also concerned with electrical absorp-
tion by a prolate ellipsoid of revolution (in essence, by
aninfinite cylinder). In the case of low-frequency (x < 1,
y > 1) surface scattering of electrons (free-electron
regime), formula (17) coincides with the result
obtained in that work,

2

= 8rne RV
mcV g

(where V isthe volume of the éllipsoid), in terms of the
specific (per unit volume) absorption cross sections of
the cylinder and ellipsoid. However, in the case of high-
frequency surface scattering (x <1, y> 1, andx <),
the result of [9],

_ 9 ”ne’R
16mev . y?

Oy v, (18)

differs noticeably from the exact kinetic calculation.

To compare the results obtained in our work and
work [9], let us find the asymptotics of dimensionless
absorption cross section (16) for an infinite cylinder.
Ignoring the term containing the exponential, we have

5
F(z) = T—TRegl—%}D.
6 Z 82 |:|
TECHNICAL PHYSICS Vol. 50 No.9 2005
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Consequently,
I 1 34
o(2) = 006Reﬁz—é—z—2}g

(19)

_ Ozr[ x _3(x2—y2)}
06 X2+y2 8(X2+y2)2 .

Now we find the ratio of specific (per unit volume)
cross sections (18) and (19) in the high-frequency limit
(under the above conditions, the term proportional to
-1/y? prevailsin (19)),

Og

=9
5 =4 2%

Thus, the result for electric absorption by an
extended cylindrical particle obtained in [9] is highly
overstated in comparison with that found by the exact
kinetic calculation.

Figure 1 plots dimensional absorption cross section
F versus dimensionless applied electric field frequency
y at different dimensionless reciprocal electron free
paths x. From these curves, it follows that, when the
dimensionless frequency is low (y < 1.3), the particles
with the longest free path of electrons (i.e., with small-
est x) have the highest dimensionless absorption cross
section F (provided that the particles have an equal
size). At higher dimensionless frequencies of the
applied field (y > 1.3), the situation is reverse. As the
frequency grows further (y > 1), the dimensionless
absorption cross section of the particles declines. This
is because conduction electrons inside the particle have
no time to be significantly accelerated for the period of
the applied field.

Figure 2 shows the dependences of dimensionless
absorption cross section F on dimensionless reciprocal
electron free path x at three values of y. Here, high
dimensionless absorption cross sections are observed
for pure-metal particles (x < 1), the particles subjected
to the lowest frequency electric field having a maximal
absorption cross section. As x grows, the curves merge
together, following the macroscopic asymptotics.
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Abstract—Water jets accelerated by differently configured convergent nozzles of diameters ranging from
4.5 t0 5.0 mm are studied. The excess pressure at the nozzle inlet varies from 5 x 10° to 3.5 x 106 Pa. Velocity
measurements are carried out with a spring dynamometer and a free-running Pelton microturbine. The jet
strength at the outlet of the nozzle is found to increase by a factor of 4.0-4.5 compared with the water flow
strength at the inlet, which depends on the excess pressure and volume flow at the inlet. Reasons for such an
effect and a possible source of the additional energy are considered. The 2D Bernoulli equation used instead of
the 1D equation routinely applied in nozzle analysis|eadsto anegative val ue of the excess pressure at the nozzle
exit section and in the jet. Gas evolution and cavitation enhance this effect because of a decreasein the jet den-
sity. As aresult, the jet is accelerated not only by the inlet pressure but also due to the fact that the potential
energy of the flowing medium decreases because of a decrease in its absolute pressure down to the technical
vacuum level. The contraction of the jet by the atmospheric air and the establishment of the equilibrium (in air)
pressure in the water jet eventually raiseits kinetic energy through the internal energy of the air. © 2005 Pleia-

des Publishing, Inc.

In al the nozzles studied, the inlet sections by 10—
20 times exceeded the outlet sections in area. There-
fore, the static inlet pressure differed from the total
pressure by no more than 1%. The static pressure was
measured with a precision manometer; at low relative
dynamic pressures, a water manometer was used.

Designate the ratio between the specific kinetic
energy of the jet at the outlet to the excess specific
potential energy of the flowing medium at theinlet asq,

_2 .
o> PO

= = . 1
2p,v, 2p, 2p,Q @)

Here, p, isthe excess static inlet pressure; v, and p; =
1/v, arethe specific volume and density of the medium
a the inlet, respectively; m isthe mass flow; O isthe
mean velocity of streams and flow inside the nozzle;
and Q = m/p, isthe volume flow of the water. Quantity
g can be considered as the flow energy (power) conver-
sion efficiency of a nozzle. This quantity also has the
meaning of the relative dynamic pressure of the jet,
since it formally involves the density of the jet at the
inlet rather than the density of the medium.

A total of more than a hundred different nozzles
were studied: circular conical and rectangular; direct
and curved; with a constant and stepwise varying inner
diameter; and with circular, oval, and annular outlet
channels. The outlet sections were varied from 0.1 to
5 cm?. For wide nozzles, measurements were made at
aninlet pressure excess of 0.6 MPa. Under these condi-

q:

tions, quantity qinvariably turned out to be higher than
unity (thisvalueis commonly accepted for ideal liquids
in hydraulics and fluid mechanics), sometimes reaching
4.5. It was also found in these experiments that circular
conical nozzles are the most efficient if their length is
roughly equa to the inlet diameter. Note also that
curved nozzles may be more efficient than direct ones,
all other things being the same.

Following are the systematic results obtained for
circular nozzles of diameter ranging from4.5t04.9 mm
at excessinlet pressures of up to 3.6 x 10° Pa.

The mean velocity of the jet was measured with two
new techniques: by means of a spring dynamometer
with allowance for partially inelastic impact of the jet
on the disk of the dynamometer and also by means of a
free-running Pelton microturbine. As a reference
method, we used the well-known technique of calculat-
ing the jet velocity from its diameter and flow rate.

The measuring device (Fig. 1) was placed on a sup-
port mounted under the tray. One end of a 3.5-m-long
Dyurit tube of diameter 25 mm was connected to the
water supply system of the hydraulic room through a
controlling valve and its other end, to athree-way pipe
of diameter 22 mm with its horizontal and vertical
branches either connected to the nozzle or plugged. The
inlet diameter of the nozzles was about 16 mm. The
precision manometer scaled for 4 atm was connected to
the vertical branch 5 cm below the axis of the horizontal
branch, this axis being on a level with the entrance to
the manometer. The nozzles were mounted on the hor-

1063-7842/05/5009-1112$26.00 © 2005 Pleiades Publishing, Inc.
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izontal branch when the measurements were taken with
the spring dynamometer and when the jet diameter was
measured or on the vertical branch in measurements
with the free-running turbine. Figure 1 showsthe dyna-
mometer on an enlarged scale. Its disk is dightly con-
cavein order for small jets reflected from it to fly apart
approximately normally to the direction of the imping-
ing jet.

The mean velocity of the jet near the disk of the
dynamometer was calculated by the formula that fol-
|ows from the momentum conservation law,

__F
0= 14, )

whereF istheforce exerted by thejet and m isthemass
flow rate of the water, which is determined from vol-
ume flow Q. Quantity Q was measured by collecting the
water in awide-necked (a neck cross-sectional area of
about 5 dm?) high (about 70-cm) reservoir over a cer-
tain time interval under steady-state conditions.

When taking the measurements, we placed the
dynamometer at various distances from the nozzle sec-
tion and so small deviations of the disk from the posi-
tion norma to the jet insignificantly influenced the
force being measured. The springs of the dynamome-
ters were of adifferent elasticity, making it possible to
measure the dynamic pressure at different inlet pres-
sures. With such an approach, the spread of measure-
ments did not exceed 10% and the confidence interval
for a random error in mean jet velocity U was within
5%. Thelatter value was obtai ned with random samples
of three or more observations. The dynamometers were
graduated using weights with allowance for a system-
atic error arising when they were placed horizontally.

The factor 1.4 in formula (2) takes into account the
inelastic component of jet—disk interaction. This value
was found by comparing the velocities measured with
the dynamometers and microturbine at low pressures
P, p; = (0.5-3.0) x 10* Pa. When jets with a diameter
ranging from 3.5 to 4.7 mm were incident on the tur-
bine having a mean radius of 5.0 cm at the site of inci-
dence, it set in rotation a stroboscopic disk with which
the rate of revolution of the turbine's shaft could be
determined. The error of a single frequency measure-
ment (no more than 3%) depended on inlet pressure
fluctuations. The correction coefficient 1.4 wastaken to
be the same throughout the inlet pressure range studied
(from 0.5 x 10* to 36 x 10* Pa). For the mean velocity
of the jet, we took the circumferential velocity of the
turbine at points of radius 5.0 cm. The true velocity is
always somewhat higher, especially at high rotation
frequencies, because of free-running losses. This
means that the numerical coefficient in (2) may also be
dlightly higher. The smplicity and reliability of the
velocity measurement method suggested and its appli-
cability to nozzles of different shape and cross-sec-
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Fig. 1. Experimental setup: (1) standard precision manom-
eter, (2) nozzle, (3) dynamometer, (4) plug, (5) turbine,
(6) stroboscopic disk, (7) LED, and (8) G3-102 audio-fre-
quency generator.

1
0 2 4 6 8 10 12 14 16
p1, 104 Pa

Fig. 2. Relative dynamic pressure of the water jet vs. inlet
excess pressure according to formula (1) for direct conical
nozzles with apex angle 6 = (1) 180°, (2) 130.4°, (3) 90°,
(4) 34°, and (5) 16.6°.

tiona areaare noteworthy; therefore, it wasalso usedin
other experiments.

The experimental data were verified with a well-
known device that sets the nozzle inlet pressure by
means of awater column open to the environment. The
height and diameter of the column were 3.4 m and
85 mm, respectively. For the time of measuring the
force exerted by the jet or the flow rate, the water level
lowered by only 2 cm. Notethat both waysof inlet pres-
sure setting showed close resullts.
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Fig. 3. Nozzles used in the experiments. r isthe radial coor-
dinate; x isthe axial coordinate; and Xy and x,,, are the coor-
dinates of the outlet section and minimal cross section,
respectively. The dashed portion shows the wall of the noz-
zle with outlet diameter dg.

Figure 2 demonstrates the data for nozzles in the
form of direct circular cones with varying apex angle 6
(including 6 = 180°; this experiment is akin to the
famous Torricelli run with a hole in a thin wall). For
these nozzles, the values of force F were virtually iden-

u, m/s
50

40

30

20

1 1 ]
30 35 40

1 1
20 25
p1» m H,0, 10* Pa

Fig. 4. Mean velocity of thejet at distance L from the nozzle
vs. inlet pressure for (@) nozzle 1 and (b) nozzle 2.
(1) Method of dynamometer, L = 5-50 cm; (2) method of
microturbine, L = 10 cm; (3) velocity measured from the
mean diameter of the jet in the minimal cross section; and
(4) velocity measured by the 1D Bernoulli equation for
ideal water.

KOTOUSOV

tical for the disk of the dynamometer placed at dis-
tances of 5-40 cm from the nozzle section. Asthe disk—
nozzle spacing shrinks down to 1 cm, the force gradu-
ally decreases by 20-30%. Figure 2 showsthe dataonly
for distances exceeding 5 cm.

Figures 3-5 illustrate how different configurations
of circular nozzles with the same diameter (see Fig. 3)
influence the jet velocity. In nozzle 1, the curvature of
the profile increases toward the outlet; nozzle 2 is a
short conoidal nozzle; nozzle 3 has a stepwise decreas-
ing inner diameter; and nozzle 4 is conical. Nozzles 3
and 4 have the same length-averaged apex angle.
Shown also are the streamlines for nozzle 1 and for the
hole in the thin wall that follow from the measured
static pressure distributions along the radius and length
of the nozzles.

The jet velocity versus inlet pressure for nozzles 1
and 2isplotted in Fig. 4. Here, curves 4 are constructed
by calculating the mean velocity in the minimal cross
section of the jet according to the Bernoulli equation
under the assumption routinely used in hydraulics that
the static pressure in the jet equals the atmospheric
pressure. Another common assumption is that the pres-
sure in and the velocity of the medium vary only along
the longitudinal axis of the nozzle (1D statement).

p1» m H,0, 10* Pa

Fig. 5. Relative dynamic pressure of thejet vs. inlet pressure
at distance L from the nozzle. L = 5-50 cm: (1) nozzle 1,
(2) nozzle 2, (3) nozzle 3, and (4) nozzle4. L = 70-120 cm:
(1) nozzle 1 and (2') nozzle 2.
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For nozzles of diameter 5 mm or bel ow, the minimal
cross section of the jet is within 3 mm from the outlet
section; for nozzle 1 and for the hole in the wall, within
1.5-2.0 mm. For nozzle 1 of diameter d, = 4.6 mm, the
minimal cross section has a diameter of 3.6 mm at low
inlet pressures and 3.8 mm at elevated inlet pressures.
At the given inlet pressure, the mean diameter of thejet
remains nearly constant over a distance of 70 cm from
the minimal cross section. Then, the jet starts emitting
fine sprays, which remain adjacent to it up to the water
collector used to measure the flow rate. The core of the
jet seems dlightly contracted over a length from 0.7 to
1.2 m; then, it gradually expands.

Air—et friction and air gection by the jet affect jet
velocity measurements. In these experiments, force F
remained constant when the diameter of the disk was
larger than 3 cm. For disk diameters of 2.2 and 1.3 cm,
force F decreased by 5-6% and 10-12%, respectively.

Figure 5 plots relative dynamic pressure q against
inlet pressure for these nozzles. The dashed lineq =1
corresponds to the related value for an ideal liquid.
Remarkably, for real (viscous) water, q lies above this
line, whileit is customary to assumethat, with regard to
losses, the values of g lie below this curve.

BASIC RESULTS FOLLOWING
FROM FIGURES 2-5

(2) Itisfound that, for the nozzles corresponding to
Fig. 2, the value of q is virtually independent of the
water temperature on the range 8-40°C.

(2) In the experiments the result of which are shown
in Figs. 3-5, the water temperature was within 8-10°C.
The disk of the dynamometer was placed at a distance
of 5-150 cm from the nozzle outlet section. A few mea-
surements were made at horizontal distances of up to
3 m. Over adistance of 50 cm, the jet velocity remains
constant up to the measurement error for al the noz-
Zles. Next, over the still horizontal portion of thejet tra-
jectory up to 1.2 m (at increased inlet pressures), the
velocity slightly risesfor nozzles 1 and 3 or declinesfor
nozzles 2 and 4. Then, both the horizontal component
and the total dynamic pressure fall for al the nozzles.

(3) Relative dynamic pressure g has a diffuse maxi-
mum at a level of 3.3-4.5 for inlet pressures between
5 x 10* and 15 x 10* Pa depending on the nozzle. Then,
it slightly decreasesto 2.5-4.0.

(4) The profile of nozzle 1 impliesthat the hydrody-
namic drag of this nozzle is higher than that of nozzle
2; however, the former turns out to be energetically
more efficient. Similarly, nozzle 3 is bound to have a
higher drag compared with smooth-channel nozzle 4,
which has the same angle between the profile genera-
trix and the nozzle axis. Nevertheless, nozzle 3 ismore
efficient.

(5) At inlet pressures below 3 x 10* Pa, determina-
tion of the jet velocity by measuring the jet diameter
TECHNICAL PHYSICS  Vol. 50
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and water flow rate is valid if the measurement error
does not exceed 20%.

(6) The value of the coefficient of dynamic pressure
loss when a jet encounters a normally placed barrier,
0.92-0.96, which appears in handbooks on hydraulics
(see, e.g., [1]) seems questionable without reference to
relevant experimental data. The assumption that jets
impinging on and leaving the disk have the same veloc-
ities, which is usually adopted in considering the jet
dynamics [2], appears to be till more implausible.
When measuring the velocities of these jets with the
dynamometric method, we found that the velocity of
the jet reflected is, on average, 1.5 times lower than the
velocity of the impinging jet. This factor agrees well
with that appearing in formula (2).

REASONS FOR A HIGH DYNAMIC PRESSURE
OF OUTGOING WATER JETS

(1) Actually, the absolute static pressure in the flow
inside the nozzle and in the jet near the nozzle outlet
section drops below the atmospheric pressure because
of arotation of the flow, as well as of the acceleration
and velocity vectors of elementary streams (filaments)
everywhere in the medium except for the near-axia
region. Consequently, when dealing with tubes of vari-
able cross-sectional area, one should take into account
the radial component of the static pressure gradient,
which may even exceed the axial component (it should
be noted here that flow—wall friction and an increasein
the curvature of the nozzle profile generatrix toward the
outlet section may also increase the radial component
of this gradient).

Handbooks on hydraulics and applied or theoretical
fluid mechanics [1, 3-6] consider the flow in tubes of
variable cross-sectiona area in the Cartesian coordi-
nates. This makes it difficult to estimate the contribu-
tion of crosstermsin the projections of the equation of
motion onto the coordinate axes. For our circular noz-
zles, we take the cylindrical coordinates and place the
origin on the symmetry axis of the nozzle so that coor-
dinate x isaligned with thisaxis. For a steady-state flow
in a small-diameter horizontal nozzle, the Euler equa
tion for an ideal liquid has the form

du
Pg = PulVju = -V, ©)
where u isthe vel ocity of agiven (constant) elementary
mass of the flowing medium.

Under such conditions, Eq. (3) is exact irrespective
of whether the density of the medium is constant or
variable. We also take into account the equality

2
(uV)yu = V%%+curluxu. (@)
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If the parameters of the medium are azimuth-inde-
pendent, we get

ou, au)D+ Pu, 0Oun (5)

Oox —or0 " &UOgr ~ x0T
From (3)—(5), we have

_lop _ , 9uy
pax X ax
ou,

16p _ aur
por Uar T Uox

Figure 3 showsthetrgectory of filamentsfor nozzle
1 and for the hole in the thin wall. The shape of the jet
can be directly observed. The trgjectories of the fila-
ments inside the nozzle are consistent with our mea-
surements of the radial and longitudinal static pressure
distributions that were taken with small sensors made
of thin-walled capillaries 0.8 mm in diameter. The sen-
sors were both stationary and movable in either of the
directions both inside and outside the nozzle. In-jet
measurements can be made only if the capillaries are
inserted into the jet from the side of the nozzle. Simul-
taneously, we measured the pressure abovethejet at the
outlet, surrounding the jet by a chamber (asin awater-
jet pump) and introducing a standard static pressure
sensor into the wall of the chamber. In this paper,
details of these measurements are omitted. It is essen-
tial here that a negative excess pressure may be
observed bothin thejet and in the flow insidethe nozzle
at its outlet.

The trgjectories in Fig. 3 a'so comply with the fact
that the measured static pressure equals the inlet pres-
sure in stagnation zones at the wall of the hole and that
the excess pressure tends to zero or becomes negative
near the center of the hole in the same section.

From Fig. 3, it follows that

culuxu = eu

ou
Uy

(6)

du, ou,
oGy 70 U gr <O

ouy ou, _

or <0, X 0,

for any x and r both inside and outside the nozzl e except
for axial points.

The last derivative aboveis negative upstream of the
nozzle outlet and positive downstream. The static pres-
sure diminishes even inside the nozzle, since u,
depends on x and u, depends on r. The cross terms are
also afactor: near the outlet, du,/ox — 0 and u,du,/or
significantly reduce the pressure in the longitudinal
direction.

To calculate the pressure decrease, we combine
Egs. (3) and (4) to get

2
V%%+curlu Xu = _V_pp. (7)

KOTOUSOV

Scalarly multiplying the left- and right-hand sides of
(7) by streamline unit vector u/u [5] yields

Ldp, 1d(u)
pds 2 ds
If the density of the medium is constant along
streamline s, Eq. (8) turns into the Bernoulli equation
for anideal liquid. It strictly holds only for astreamline
provided that p = const(s),

0. )

Ap = —pA(). ©)

For water, we may put p = 1 kg/dm3. By way of
example, let us consider nozzle 1 (Fig. 3) with diameter
d, = 4.6 mm and outlet cross-sectional area Q, =
0.167 cm?. At an inlet excess pressure of 10° Pa and
corresponding volume flow rate Q = 198 cm?3/s, mean
velocity component U, isequa to Q/Qy =12 m/s. Tak-
ing into account that the streamlinesin the major part of
the outlet section are inclined to the x axis at an angle
of 20°-50° according to the nozzle profile, we find that

U,, 010 m/s. Then, from (9), the pressure excessisp, =
(Ap)o + pp = —2.2 x 10% Pa. Similarly, in minimal cross
section X, diameter d,, of which equals 3.7 mm at this
p,, the value of 0, calculated from the cross-sectional
area is 18.6 m/s and the pressure excess p,, = —7.4 x
10* Pa. It is adopted here that 0O, = 0 in the minimal

cross section. Actually, however, this is not the case,
since the ambient air not only disturbs the jet through
friction and ejection but al so tendsto squeezeit because
of ahigh static pressure drop.

(2) If the mass flow, mean velocity of the jet, and its
mean diameter are known from experiments (for the
nozzles studied, the jet isespecially stable over alength
between the minimal cross section and the point 1 m
distant from the outlet), the mean density of the jet is
found by the formula

5= M
P~ au
For the example considered above, p = 0.62 kg/dm?®
over the jet portion between 5 and 50 cm at velocity
0 = 28.3 m/s (Fig. 4). Assuming that the jet velocities
in section x,,, and over the portion 5-50 cm are roughly
the same, we find from (9) that, for ideal water, the
EXCcess pressure is p, = —1.5 x 10° Pa (or, in other
words, the absolute pressure is —0.5 x 10° Pa). The jet
density in section x,,, calculated by formula (10) is also
closeto 0.62 kg/dm?. However, rigorous cal culation by
formula (9) involves not the final density of water but
its mean integral density, which is higher than p,.
Therefore, the calcul ated value of p,, is still lower.
For nozzles 1 and 2, one can trace the jet density

variation by comparing curves 1 and 3 in Fig. 4 and
contrasting them with formula (10). It turns out that,

(10)
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even for excess inlet pressures above 2 x 10* Pa, the jet
velocity determined from the volume flow involves a
significant error if the jet density is assumed to be the
same asinthewater collector (i.e., closeto 1.0 kg/dmd).

(3) Let usalso discussthe effect of gasevolution and
cavitation on the water acceleration in the nozzle and
jet. Since the water solubility of oxygen and nitrogenis
low, it seems reasonable to take into consideration the
effect of CO, and Cl, gases, which are usualy dis-
solved in tap water. A reduction of the absolute static
pressure along the streamline from p, to p, or from p,,
to a value much lower than the atmospheric pressure
(up to technical vacuum), which is observed in the
dynamic regime for a short time the water takesto pass
through the nozzle, is bound to cause gas evolution.
Data for water solubility of gases[7] suggest that, if at
least one-tenth of the equilibrium amount (according to
the Henry law) of the dissolved gas evolvesin water, its
mean density decreases by 10-20% compared with the
density of homogeneous water or water solution of
gases. As aresult, the actual flow velocity increases, in
accordance with formula (10), and the pressure mark-
edly drops in accordance with (9).

Cavitation is evaporation of aflowing liquid. Accel-
eration alone may cause water molecules (clusters) to
be detached from each other. However, at reduced static
pressures (close to a technical vacuum), which were
observed in our experiments, this phenomenon isinten-
sified by locally equilibrium phase transformations. It
seems that, for the very short time (on the order of sev-
eral hundredths or thousandths of a second) taken for
the water to pass through the nozzle in the precavitation
and cavitation conditions, only an extremely small part
of the liquid can evaporate because of the phase transi-
tion resistance. However, even a millionth part of the
water mass that evaporates in the volume of the
medium may noticeably change the water density. Con-
sider the real case when the water temperature is 8°C.
At this temperature, the saturation vapor pressure
equals 1070 Pa. Evaporation takes place at a lower
pressure. In the experiments, the absolute pressure in
the jet varied from 500 to 1500 Pa at excess inlet pres-
sures of 10° Paor higher.

Let one-millionth part of the water mass turn into
steam at a certain section of the jet near the outlet.
Neglecting clustering in the sseam and considering spe-
cific volume v as the volume of a mechanical mixture of
the liquid and steam (i.e., digressing from the concepts of
partial volume and mixture nonideality), we get

v = v 410°+ v ,4(1-10°), (11)
where vy is the specific volume of the steam, which is
considered as a perfect gas. At 281 K and 540 Pa, v4 =
240 m3/kg. Hence, v = 0.00124 m3*/kg and p = 1/v =
0.80 kg/dm?. If two millionths of water evaporates, p =
0.68 kg/dm3.

Thus, gas evolution and cavitation result in “swell-
ing” of the flow in the nozzle and water jet.
TECHNICAL PHYSICS Vol. 50
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(4) A small decrease in the temperature of the
medium due to cavitation leads to a further significant
decrease in the pressure and, thereby, sustains cavita-
tion. Assuming that the flow regime is adiabatic and
that local thermostatic equilibriumin afirst approxima-
tion is possible, we use the relationship

c

Ap, = %—_IQATC, (12)
which follows from the first law of thermodynamics.
Here, a is the isobaric expansion coefficient, c, is the
specific heat at constant pressure, AT, isthe cavitation-
related decrease in temperature due to removal of the
heat of evaporation, and Ap, isthe decrease in pressure.
If, asin the previous example, 0.001 g per 1 kg of water
evaporates, then AT, = —0.0006 K at water temperature
T = 282 K. Here, the value of a is taken to be that for
pure water, o = 6 x 10° 1/K, since this quantity for the
water—steam heterogeneous system at its density of
0.80 kg/dm? is unknown. Accordingly, Ap, = 1.2 x
10° Pa.

Of course, the nonadiabaticity of the medium, the
time the medium takes to relax to a new thermody-
namic state, and an increase in a with decreasing den-
sity of the medium should be taken into account. Fur-
thermore, the virtual constancy of the jet diameter over
a distance of 0.7 m from the nozzle outlet means that
the normal component of the stress acting on the jet in
motion through the air counterbal ances the disturbance
of the jet due to the shear component. The latter com-
ponent will prevail where the jet expands noticeably,
i.e, at distances of 1.2-1.5 m from the outlet. Equaliza-
tion of the pressure over the cross section of the jet
occurs relatively slowly, because the velocity of the
sound wave in the water—air and water—steam two-
phase system is low (the well-known Wood effect [5]).

Even if the value of Ap, is overestimated, an addi-
tional decrease in the static pressure due to the evapo-
ration-related temperature effect is akey factor enhanc-
ing cavitation and raising the jet velocity.

(5) Thus, the air tends to contract the reduced-pres-
sure jet downstream of the nozzle. This increases the
velocity of thejet, sustains gas evolution and cavitation
in its axia region, etc. The static pressure in the jet
approachestheair pressure over some portion of thejet.
Complete equalization is likely to be observed where
the jet noticeable expands. It should be noted here that
conoidal nozzle 2 with its cylindrical part shortened to
2 mm does not have a clear-cut minimal cross section.
Thejet from thisnozzle starts markedly expanding well
before than in the other nozzles.

Converging filaments leaving nozzle 1 and the hole
in the wall collide with each other, i.e., exchange the
normal components of the momentum. Inside the noz-
Zle up the outlet, these components are quenched by the
wall of the nozzle; outside the nozzle, by the pressure
difference between the air and jet. It should be bornein
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mind that filament—filament collisions are partially
inelastic.

ENERGY BALANCE AT WATER ACCELERATION
IN A NOZZLE

The contributors to the kinetic energy of the jet are
asfollows: (1) adecrease in the potential energy of the
water flow in the homogeneous and heterogeneous
states according to Bernoulli equation (9), where the
density should be meant as the integral density aver-
aged over the distance from the inlet to the minimal
cross section ([p0), and (2) a decrease in the internal
energy of the surrounding air, which is spent on
(i) quenching the momentum normal components of
filaments colliding with each other over the portion
from x, to x,,,; (i) contracting the jet over the portion
from X, to X,,,; and (iii) recovering the static pressure of
the jet to the atmospheric level.

Within the practically important portion of the jet
(from 5 to 50 cm from the outlet), its kinetic energy is
nearly constant for al the nozzles considered. Here,
air—jet energy exchange may be ignored; however, it
should be taken into account in the final result. For
example, for nozzle 1 at excess pressure p; = 10° Pa, the
measurements gave the following resultss m =
0.198kgls, dy = 46 mm, d, = 3.7 mm, p; =
1.00 kg/dm3, p,, = 0.62 kg/dm?, and p,, = -0.995 x

10° Pa. The jet power equals N = mu®/2 = 80 W. The
contributions to the jet power are as follows: N; =
m(p, — py)/[PC= 50 W (if we put (= 0.8 kg/dm?) and

N, O (tan30°)mu’/4 = 13.2 W (here, allowance is
made for momentum losses due to filament—filament
collisions). The mean half-angle of convergence of the
filaments is set equal to 30°. If this half-angle equals
35°, then N; = 19.5W. For air pressure p, = 10° Pa,

Ti(d3 —d2) Uy, + o
7 5 Pa

The contraction resistance of the jet depends on the
normal component of its dynamic pressure, since the
absolute static pressurein thejet isvery low within this
portion.

The values of N;, Ny, and N,; add up to 75.2—
81.5W. Thus, our qualitative reasoning is supported
numerically: the energy balance holds. The sameistrue
for other parameters of nozzle 1 and the parameters of
nozzles 2—4.

Of interest is the recoil force propeling the water jet
from the nozzle into the air. In experiments, it is close
to a value calculated using the 1D Bernoulli equation
under the assumption that the static pressure in the jet
at the outlet is close to the atmospheric pressure. How-
ever, the deeper insight into the jet dynamics made it
possible to raise the recoil force with a simple mouth-

Nai U
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piece attached to the nozzle. This point will be dis-
cussed elsewhere.

Significantly, the seemingly high intrinsic efficiency
of the Pelton turbine in comparison with an air turbine
isrelated to the increase in the power of the water flow
in the nozzle that drives the turbine. The velocity of the
water jet leaving this nozzle was calculated by the 1D
Bernoulli equation but in no case was verified experi-
mentally.

It should be emphasized in conclusion that we are
not aware of publications where the directly measured
mean velocity of water jets several millimeters across
exceeded 10 m/s. The data reported in [8] refer to
ducted flows in large power stations. We failed in mea-
suring the jet velocity with a Pitot tube, since insertion
of a capillary against the jet causes the atmospheric-
pressure air to escape into the capillary (because the
excess pressure in the jet is negative) and, thereby,
introduces an error into local parameters of the jet.

Nozzle flows, as well as flows at mouthpiece or at
holeinwall, are usually treated in terms of the 1D Ber-
noulli equation. Based on this study, we can argue that
such an approach as applied to variable-section liquid
flows fails and aso that the static pressure in the mini-
mal cross section is aways lower than the atmospheric
or environmental pressure.

In similar studies with the air flow, the flow and jet
vel ocities were measured with a Pitot tube. For the air,
power conversion efficiency q is also larger than unity
and may exceed 1.3 at critical parameters of the flow
and in a supersonic flow. Yet, this efficiency is signifi-
cantly lower than for water.
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Abstract—Computer simulation is carried out for the process of formation of electrohydrodynamic flows
emerging in a system of two parallel wires as a result of symmetric injection from each electrode (2D case).
Simulation is performed using the ANSY S system. A simulation algorithm is devel oped for nonstationary elec-
trohydrodynamic flows. The results of simulation are presented. Analysis of the results showsthat the evolution
of electrohydrodynamic flowsis accompanied by the formation of thin oppositely charged liquid streams mov-
ing in opposite direction from near-electrode charged layers. © 2005 Pleiades Publishing, Inc.

INTRODUCTION

The formation of electrohydrodynamic flows in the
case when a stepwise voltage is supplied to electrodes
was considered by several authors. Theresults of exper-
imental investigation of the formation of electrohydro-
dynamic (EHD) flows upon the application of avoltage
werereported in[1, 2]. The main results of these works
can be formulated as follows: (i) EHD flows emerge
with a certain delay relative to the instant of voltage
application and (ii) the evolution of the flow occursvia
alternating outbursts of athin trickle of charged liquid
from the electrode surface. The former effect can be
explained by the formation of a charged layer at the
electrode surface prior to the formation of the EHD
flow. Subsequent investigations showed [3] that if the
charged layer has a symmetric annular structure, it can
giverise only to local flows. The formation of a direc-
tional flow requires that the primary near-electrode
charge structure be asymmetric (e.g., in the shape of an
oval ring).

This study is devoted to computer simulation of the
process of formation of EHD flowsin asymmetric sys-
tem of wire-wire e€ectrodes in the 2D case, when the
length of the wires is much larger than the distance
between them. In the electrostatic approximation, such
asystem is symmetric relative to the central plane.

The modeling agorithm was constructed under the
following assumptions: (i) after the application of volt-
age, alayer of charged liquid in the form of an oval ring
extended towards the opposite electrode is formed
around each electrode, (ii) the electric charge density
distribution within the ring is uniform, and (iii) the
EHD flow formed from the stationary charged layer
under the action of Coulomb forces carries the electric
charge along the current line. The electric charge den-

sity distribution in the new region is also assumed to be
uniform. These assumptions are justified if the ions
forming the volume charge cloud are frozen in the lig-
uid; i.e., the electric Reynolds number is much greater
than unity. Indeed, the charge conservation law under
the above assumptions can be written in the form

90 4 div(pv) = 0 (1)
ot
or, in the case of incompressible liquid,
P _
5> = ~vgradp, 2

where p isthe volume charge density and v isthe veloc-
ity of the liquid.

Simulation was carried out using the finite-element
software package ANSY S. We worked out amethod for
solving nonstationary problemsin electrohydrodynam-
ics, which involves consistent solution of electrostatic
and hydrodynamic problems; this method will be
described below.

DESCRIPTION OF THE MODEL
AND MODELING ALGORITHM

The model issimilar to that used in experiments [1]
and consists of a cuvette with asquare cross section (of
side 10 cm) with two parallel wiresof diameter 0.14 cm
spaced by adistance of 1 cm at the center of the cuvette.
Theliquid under study istransformer oil with aconduc-
tivity of 102 Q~* m and a permittivity of 2.2.

Themodeling algorithm isbased on an iterative pro-
cess with several stepsin each iteration.

1063-7842/05/5009-1119$26.00 © 2005 Pleiades Publishing, Inc.
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Fig. 1. (a) Initia region of the volume charge of adensity of
0.01 C/m?® (darker region) and corresponding streamlinasf;’
(b) region of the volume charge of a density of 0.01 C/m
(darker region) after the fourth iteration and corresponding
streamlines.

(1) At the first step, the electrostatic problem is
solved with a volume charge of +0.01 C/m3 (Fig. 1a)
defined within an oval ring having a thickness of 0.1 of
the electrode radius, enveloping each electrode, and
displaced towards the opposite electrode (i.e., having
the shape of an oval ring). In Fig. 1, a part of an elec-
trode is represented by a white region bounded by a
semicircle. Figure 1a shows the initial charge structure
at the lower electrode. The boundary conditions are as
follows: potentials at the electrodes are £12 kV; the
normal electric field component is zero at the outer
walls. The Coulomb force distribution in the charged
region is determined from the solution obtained at the
first step.

(2) At the second step, the nonstationary hydrody-
namic problem with adistributed load in theform of the
Coulomb forces calculated at the first step is solved.
The boundary conditions are as follows:. both velocity
components at the walls are zero. The velocity and
pressure fields of EHD flows formed in this case are
calculated. After the emergence of EHD flows, the
charge is carried from their initial oval structure by an

STISHKOV, ELAGIN

EHD flow along the streamlines of the liquid, forming
acharged jet. Proceeding from these considerations, the
new region of volume charge distribution is calculated
from the obtained distributions of velocities and
streamlines. For this purpose, streamlines passing
through the boundary of the region of the initial charge
distribution are constructed from the obtained solution
of the hydrodynamic problem (Fig. 1a) and the dis-
placement of this boundary over a certain time interval
iscalculated with allowancefor the changein theveloc-
ity of the liquid along a streamline. We assume that the
charge moves with the liquid. To attain a satisfactory
accuracy, the time interval for the next iteration is cal-
culated so that the boundary of the chargeregionisdis-
placed by less than half the ring thickness. Figure 1b
shows the region of the volume charge density distribu-
tion after the fourth iteration.

(3) At the third step, the electrostatic problem is
solved with a new region of charge distribution and a
new distribution of electric forcesis calculated.

(4) At the fourth step, the hydrodynamic problem is
solved with the volume load cal culated at the third step
and new streamlines are plotted (see Fig. 1b).

After this, the iterative process is repeated until the
charged region reaches the middle of the electrode gap,
where the jet from the opposite electrode is encoun-
tered.

Thus, the EHD flow in the above model emerges as
aresult of formation of a charged central jet carrying
the charge to the electrode gap. The central jetinturnis
formed by the displacement of the charge from the ini-
tially formed annular charge region by the EHD flow. In
al, we performed 17 cycles, as a result of which two
counterpropagating jets of the EHD flow are formed.
We assumed that the charge density emerging at each
electrodeisthe same and equal to 0.01 C/m? and hasthe
polarity corresponding to the sign of the charge on the
electrode.

RESULTS OF SIMULATION

The results of simulation include the dynamics of
the displacement of the volume charge density distribu-
tion region, as well as the distribution of electric field,
Coulomb forces, and corresponding contour lines of
velocity and pressure distributions in the emerging
EHD flows at instants of 0.006, 0.024, 0.036, 0.048,
0.060, 0.078, and 0.102 s after the application of volt-
age. All quantities represented on the curves are given
in Sl units.

Figure 2 shows velocity isolines for the EHD flow
at the instant of 0.102 s, which corresponds to the
meeting of two charged jets propagating from the
opposite electrodes. As expected from the results of
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ANSYS 7.0
A =0.012401 C =0.062007 E=0.111612 G =0.161217
B =0.037204 D =0.086809 F=0.136415 H=0.18602

Fig. 2. Velocity isolines.

experiments [1, 2], two counterpropagating EHD flows
forming afour-cell structure are formed in the cuvette.

Analysis of the results shows that each of the coun-
terpropagating jets of the EHD flow exhibits a typical
zone structure described earlier on the basis of analysis
of experimental data. In athin layer of liquid formed at
the surface of each electrode, the velocity of theflow is
very low. The next is the acceleration zone followed by
the zone of weakly varying flow and the stagnation
zone of the liquid. At the middle of the electrode gap,
there is aregion of stationary liquid of circular shape.
Since the pattern of EHD flows is symmetric about the
middle of the electrode gap, we will henceforth analyze
only the lower half-plane.

Figure 3a shows consecutive distributions of the
EHD flow velocity along the central axis of the flow
from the lower electrode to the middle of the electrode
gap. Vertical segments in the figure mark the corre-
sponding positions of the boundary of the charged jet.
The acceleration zone followed by the stagnation zone
can be clearly seen. As the charge jet propagates, the
peak of the EHD flow isdisplaced to the bulk of thelig-
uid. At all stages, the hump of the velocity is dightly
displaced towardsthe electrode rel ative to the boundary
of the charged region.

Figure 3b showsthe acceleration distributionsin the
liquid, corresponding to the sameinstants. These distri-
butions have a clearly manifested two-hump structure.
The acceleration zone has a peak at a certain distance
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Fig. 3. (8) Velocity distribution at instants of 0.024, 0.036,
0.048, 0.06, 0.078, and 0.102 s; (b) dynamics of the forma-
tion of acceleration and stagnation zones in the liquid.

from the el ectrode surface, which depends on time only
dlightly. The liquid stagnation zone aso has an extre-
mum, i.e., a negative acceleration peak propagating to
the bulk of the liquid together with the boundary of the
charged jet. The presence of this zone determines the
cellular nature of the EHD flow and its structure.

Figure 4a shows the contour lines of the pressure
distribution in the electrode gap. The evolution of the
EHD flow is accompanied by the formation of two
pressure zones located at the opposite ends of the
chargedjet, i.e., thelow-pressure zonelying in the near-
electrode region and concentrated mainly in the upper
part of the charged ring and the high-pressure zone hav-
ing a semicircular structure and a flattened lower
boundary. The lower boundary of the high-pressure
zoneisdetermined by the upper boundary of the charge
jet and propagates with it to the middle of the electrode
gap, where it merges with the anal ogous zone propagat-
ing from the opposite electrode. At instant 0.06 s corre-
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ANSYS 7.0

A=-31326 E=-2184 I1=-12354 M =-2.867
B=-28955 F=-19468 J=-9.982 N =-0.495914
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Fig. 4. (a) Contour lines of pressure distribution; (b) pres-
sure distribution at instants of 0.024, 0.036, 0.048, 0.06,
0.078, and 0.102 s.

sponding to Fig. 4a, the high-pressure zone lies at a
level of 0.3 of the electrode gap.

Figure 4b shows the curves describing the pressure
distribution in the liquid along the central axis of the
flow from the lower electrode to the middle of the elec-
trode gap. As the charged jet propagates to the bulk of
the electrode gap, the low- and high-pressure zones are
formed. The low-pressure zone has a peak near the
electrode surface and the value of pressure increases
with time. Negative pressure rapidly decreases in the
direction from the electrode surface to the bulk of the
liquid, while the low-pressure zone is localized in the
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near-electrode region. The high-pressure region has a
peak located at the outer surface of the charged jet and
propagating with it to the center of the electrode gap.
The peaks of the acceleration zones shown in Fig. 3b
approximately correspond to the regions of localization
of low pressure, while the extrema of the stagnation
zones correspond to the regions of localization of high
pressure.

Analysis of the charts of acceleration level lines
showsthat, at the initial stage (when the charged struc-
ture has the shape of aring), the acceleration zone of
EHD flows formed in the cuvette is bifurcated and lies
along the lateral surfaces of the electrode. As the
charged jet propagates to the bulk of the electrode gap,
the acceleration zone of the liquid moves along the axis
of the flow to the region located under the electrode,
and the flow acquires the structure typical of a devel-
oped EHD flow [4, 5]: in the central jet zone formed
behind the acceleration zone, acceleration is virtualy
absent and the velocity vector is directed along the line
connecting the electrodes.

Thus, an exotic mechanism is realized in the EHD
flow: liquid flows from the region of lower pressure to
the region of elevated pressure. Such aflow is possible
owing to the volume nature of driving Coulomb forces.
It is this flow that determines the origina structure of
the dynamics of propagation of acceleration and stag-
nation zones, which is shown in Fig. 3b.

The dynamics of variation of Coulomb forces is
characterized by propagation of the region of their
localization to the middle of the electrode gap together
with acharged liquid jet. The forces decrease monoton-
ically from the electrode surface to the bulk of the lig-
uid and have no extrema in contrast to acceleration.
Coulomb forces produce a low-pressure zone immedi-
ately in the near-electrode region and set the liquid in
motion only at acertain distance from the electrode sur-
face.

CONCLUSIONS

Thus, we have developed a modeling algorithm for
processes of formation of EHD flows in a symmetric
system of electrodes of the wire-wire type, to which a
voltage is applied. The algorithm is determined by
propagation of two charged jets from the two el ectrodes
to the bulk of the electrode gap. The computations
revealed that, at the same charge density in the near-
electrode zones, symmetric four-cellular EHD counter-
flows are formed in the near-electrode zones of both
electrodes. Such flows were repeatedly observed in
experiments. The process of formation of atypical zone
structure of symmetric EHD counterflows is deter-
mined by the flow of a charged jet from each electrode.
This process leads to the formation of spatially distrib-
uted Coulomb forces decreasing monotonically in the
direction from the electrode to the bulk of the liquid. In
this case, the low-pressure zone is formed in the near-
No. 9
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Abstract—Analytical expressions for the coefficients of expansions of Legendre polynomial products in the
first and second derivatives of the polynomials with respect to polar angles, as well as for the coefficients of
expansions of derivative productsin Legendre polynomials and their first derivatives, are derived. An interrela-
tion between these expansion coefficients and a relationship between these coefficients and the Clebsch-Gor-
dan coefficients are found. When axisymmetric nonlinear vibrations of a viscous liquid drop are investigated
analytically, the toroidal component of the velocity field can be ignored, which significantly cuts the body of

computation. © 2005 Pleiades Publishing, Inc.

(1) The charged drop is an object of both scientific
and applied research. In the 20th century, hundreds of
publications were concerned with theoretical and
experimental investigation of this object in the approx-
imation linear in vibration amplitude [1-4]. Studies of
the drop in terms of a hydrodynamic approach taking
into consideration its actual nonlinearity were begun at
the end of the last century (see, eg., [5-7] and Refs.
cited therein). Contrary to the linear approximation,
which was used to advantage for solving problems
stated for both ideal and viscous liquids, the nonlinear
investigations performed to date dealt with theideal lig-
uid alone. The reason for such a situation is the
extremely involved mathematics used to solve the non-
linear problem. In this work, we consider a number of
local mathematical problems of independent interest
appearing in analytical asymptotic studies of a nonlin-
early vibrating viscous liquid drop.

(2) It isknown [8-11] that, in the approximation lin-
ear in amplitude of disturbance of the equilibrium free
surface of the drop, the flow velocity field in it can gen-
erally be represented as a superposition of three fields:
potential, vortex toroidal, and vortex poloidal. The sca-
larization method allows one to expand the flow veloc-
ity field of aviscousliquidinthedrop in three mutually
orthogonal vector operatorsN; =V, N, =N; xr =V x
r,andN;=N; XN, =V x (V xr) asfollows[12, 13]:

V(r,t) = VW (r,t) + V x(V xr)Wy(r, 1)
+(Vxr)Wy(r, t),

where W,(r, t) (i = 1-3) are unknown scalar functionsto
be determined from a specific linearized system of
hydrodynamic equations with rel evant boundary condi-
tions.

(D)

In (1), thefirst term isthe potential part of the veloc-
ity field; the second, the vortex poloidal part; and the
third, the vortex toroidal part. In the most common case
of axisymmetric vibrations of the drop, the potential
and poloidal components of the velocity field have pro-
jections onto unit vectors e and ey, while the toroidal
component is projected only on unit vector g, of the
spherical coordinate system with the origin at the center
of mass of the drop.

It was shown [8-11] that hydrodynamic determina-
tion of the toroidal component of the velocity field is
unrelated to determination of its potential and poloidal
components and that the toroidal component does not
contribute to the flow-induced deformation of the shape
of the drop. The reverse statement is also true: the axi-
symmetric vibration of the free surface of the drop gen-
erates potential and vortex poloidal flows of the liquid
in the drop but does not cause toroidal vortex flows.
This circumstance was included in al the analyses of
vibration of aviscousliquid drop that were madein the
linear-in-amplitude approximation [8-12]. Namely,
first the potential and vortex poloidal components were
calculated; then, a dispersion relation of the problem
was derived on their basis, the solution and study of
which isthe basic goal of linear analysis. In the case of
nonlinear vibrations of aliquid viscous drop, the vortex
toroidal component should be considered separately,
since it is unclear a priori whether or not this compo-
nent will affect the solution through the nonlinear con-
vective term in the Navier—Stokes equation.

In[13, 14], the problem of finding the vortex toroi-
dal component in the linear approximation was consid-
ered in explicit form. It was shown that the properties
of this velocity field component depend on initial con-
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ditions. In particular, it was noted [13, 14] that, if the
axisymmetric deformation initially lacks the velocity
toroidal component (W,(r, t) = 0), this component can
be set identically equal to zero at any subsequent time
instant without loss of generality. It isknown that, when
nonlinear problems are solved with regular asymptotic
techniques based on expansionsin small parameter, the
initial nonlinear problem is split into a set of linear
inhomogeneous subproblems (interrelated through
inhomogeneity functions) by means of which the solu-
tion components in different orders of smallness are
found. Taken together, these components asymptoti-
cally approximate a solution to the general nonlinear
problem. When afirst-order solution to the problem of
nonlinear axisymmetric vibrations of a viscous liquid
drop lacks vortex toroidal liquid flows, one can argue
that these flows will not appear in higher order calcula-
tions as well, since inhomogeneity functions in higher
order problems are found from solutions to lower order
ones, which, as was mentioned above, will not contain
the toroidal component of the velocity field.

In view of the aforesaid, the flow velocity field in a
viscous axisymmetrically vibrating drop in the approx-
imation linear in vibration amplitude can be repre-
sented through scalar functions Wi(r, t) (i = 1-3) pro-
jected onto the axes of the spherical coordinate system
[12-15],

ow, 1

V(b = [W - (%(Wa)}es;

)

)
AQLP} r as[ W, +

B = snﬁaﬁ% 5685

Asis known [12-15], scalar functions Wi(r, t) must
satisfy the Laplace equations in the spherical coordi-
nate system placed inside the volume bounded by the
free surface of the drop, which has a near-spherical
shape; hence, these functions are representable as

expansionsin spherical polynomias Y'm @, ¢),

W(r,t) = z AV Y (8,0), i =13 (3

Since the drop vibrates axisymmetricaly (in (3), | =
0in the spherical functions), it is reasonable to replace
expansions in spherical functions by expansions in

Legendre polynomials, since Y& (9, ¢) = P,(cos?).

Then, from (2) and (3), it followsthat the radial part
of the flow velocity field in aviscous liquid drop can be
represented in the form of a seriesin Legendre polyno-
mials P,(cosd) that constitute a complete orthogonal
set and the vortex poloidal part, as a seriesin Legendre
polynomial first derivatives with respect to polar angle
9. Thus, by virtue of (2) and (3), the Legendre polyno-
mial first derivatives with respect to polar angle 9, as
well as the Legendre polynomials themselves, consti-
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tute a complete orthogonal set for functions of the class
considered. This is scarcely surprising, since the Leg-
endre polynomial first derivatives are expressed
through associated Legendre polynomials with the
superscript equal to unity,

d a1
@Pm(cosﬁ) = P, (cosd).

Associated Legendre polynomials with a fixed
superscript form a complete orthogonal set of eigen-
functions in the interval -1 < cosd < 1, in which any
continuous doubly differentiable function of polar
angle 9 is expanded into an absolutely and uniformly
convergent series[16, pp. 612—613]. Thus, in analytical
calculations of nonlinear axisymmetric vibrations of a
viscous liquid drop, there arises the need and simulta-
neously possibility to expand desired functions in both
Legendre polynomias and their first derivatives. The
norm of the Legendre polynomial first derivatives with
respect to the polar angleis given by

1

Iag P (cosd)0sP,,(cosd)sind dd

_ 28
2m+1

(3) Let us have a spherical drop of a perfectly con-
ducting incompressible viscous liquid of density p,
kinematic viscosity v, and surface tension coefficient .
Thedrop, executing nonlinear axisymmetric vibrations,
hasradiusr,and carriescharge Q. Inthe spherical coor-
dinate system with the origin at the center of mass of
the drop, the equation for its free surface at any timet
has the form

F(r,9,t) = r—=ro—&(8,1).

The general problem of nonlinear axisymmetric
vibrations of the drop is then mathematically stated as

—m(m+1).

3,U+(UIV)U = —%gradp+vAU;
divU = 0; A = 0;

0CU=0; &=c¢ Z hmPm(l);

mOQ

~
1

M= cos(9);

r—0: U<o;

ro+&(@,1): @

[ — 400 V(p_>0;

@s(1); In [(VedS = -4nQ;(4)
S

_1
1

S={r9,0|r=r,+& 0<9<m 0<p<21};

J’r sn9drdgdd = 4" =

V=A{r9,0|0sr<ry+&,0<s9<m; 0<¢<2r%;
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Irrzsinﬁdrdﬁdq) = 0;

F+(UIV)F = 0; 1(nV)U+n(xV)U = O;

_p+2pvn(n DV)U—é}ﬁ(V(p)2+0(V Ch) = 0.

Here, € is a small parameter characterizing the initial
disturbance amplitude; Q isthe set of subscriptsfor ini-
tialy excited modes; h,, are constants describing the
contribution of an mth mode to the initial shape (defor-

mation) of the drop, Z h,, =1; n and t arethe unit

mOQ
normal and tangent vectors, respectively, relative to the
surface of the drop; U(r, 9, t) is the flow velocity field
in the drop; p(r, 9, t) isthe pressure field; and ¢(r, 9, t)
and @g(t) are the electric field potential near the drop
and on its surface, respectively. Symbol 9, means the
partial derivative with respect to t, and A isthe Lapla-
cian.

A solution to this nonlinear set of equations will be
sought asymptotically by the direct expansion method.
To thisend, following the general idea of the method of
expansion in small parameter, we represent al the
desired quantities as seriesin €,

£(3,1) = e£7(8,1) + (9, 1) + O(¢”);
u(r, 9,t) = eUP(r, 9, t)e, +°U2(r, 9, t)e,
+eU(r, 9, t)e, + 2UL(r, 9, t)e, + O(€%);
p(r,9,t) = pr,9,t) +ep?(r, 9, 1)
+e2p@(r, 9,1) + O(e);
o(r, 9,t) = ¢, t) +e¢(r, 9, 1)
+e2?(r,9,1) + O(e%);
@s(t) = 98 (1) + @ (1) + %97 (1) + O(e?).
In view of the aforesaid, functions £0(9, t), U (r,

9,1), UL (r, 9, 1), pO(r, 9, t), and @(r, 9, 1) (j = 1, 2,
3, ...) aresought in theform of seriesin Legendre poly-
nomials or Legendre polynomial derivatives,

£70.0) = 5 &P

()

ndQ
U, 8,0 = Y UR(r OP.(W);
UP(r 8,1) = 5 UGh(r, 95 Po(k):;
n0Q (6)
pP(r.9.1) = 3 P (r P(W):;
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o(r, 9,0 = 3 @ (r, OPy(W);

nOQ

o 9.0 = 3 ah(r, (k).

ndQ

Let us subgtitute (5) into system (4). Equating the
coefficients multiplying different powers of the small
parameter yields sets of equations from which solutions
in different orders of smallness can be found. The
zeroth- and first-order equations will be homogeneous;
in higher-than-first orders, we will have sets of inhomo-
geneous equations where inhomogeneity functions are
specified by the nonlinear terms of the equations
through solutions to lower order sets. For example, in
the second order of smallness, we have

cotd

9,UP + %ar p? —vEa, U@ + L5 @

Q,Z

cotd 5 U(z) _ —63U(2) cotd

2
r

Cot19 ng) O

__arBU(Z) 0

— —Usl)arUEl) (1)63 (1)+ (U(l))

11 2 1
0.U5” + 5705p” —v@”ug” +20,U5" -20,,U°H

g

1

- _Usl)aruél) (l)a U(l) Ugl)uél);

2 cotﬁ

0.Ur7 +£U + %agu‘;) ==u=0, a¢?=0

h2
I, Z 2m+1 Po(k)

mOQ

t=0:U? =0, &9 =

(m+D)hphns g
‘E)mg (2m+1)(2m+ 3) Pa(k);

r—0:U%<o0; r—»+0: Vg® —0;

= ro: 02 +£29,0% - 2 (1)

1
- _ é(E(l))zarr(p(o) _ E(l)ar(p(l)

1

[lrio @ + 1otV (re0, 0 +20,¢")

-1
+ 17 (ro0,, ¢ + 20,¢7)

+ (E(l))zﬂl Za

500 @ + 209, ¢”) + 9,67
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_asa(l)as(p(l)}du = 0;

, @)
[(roE®+ €)=

[(2r® + 3Pk = 0

—-0.£?(9,t) +U?

OUMEY (9. 1)+ ZUL8,EY(9, 1)

L, + 0,0 - L0t = ko 0t~ Lo,ut
lo lo [}0

ro

1 _
rSU

+arrU(1) a U(l) (1)%(1)(8 t)
1 1
+ zazasu(” u(l)——a UPH0:E (9, 1);

o 20
—PH =52 88+ SEO(L4 )"
0 0

- 12870,00,6” + (£ (2,9’

+0,,090,67) + 2(3,6") + (8,¢)°

o

+20,970,¢"” +287(0,,¢"0,¢'” +9,,670,¢”)]

+2pvd,UP (3, p(”—vaarrU(”)E(”(ﬁ t)

—2pvH aﬂu“)+ a uP — “Eaf,a“)(s t) = 0.

Drz

Substituting (7) into (5) and (6), we obtain inhomo-
geneity functions containing the products of the Leg-
endre polynomials and their derivatives, namely,
P, (cos9)P,(cosd), 03P, (cosd)0sP,(cosd),
P, (cos9)0gP(cosd), and 043P (cosd)dgsPr(cosd).
Since, in this case, the right-hand sides of the equations
will be represented by series in Legendre polynomias
or in their first derivatives, these products should also
be represented by the same series,

0

P (cos9®)P,(cosd) = Z K Pn(C0s3);

n=0
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00

05P,(cos9)dsP,,(cosd) = Z Oy Pn(COSY);

®
P (cos9)d, P, (cosd) = Z [0 Pn(cosd);
=0

05 P, (cos9)dsg P, (cOSY) = z A5 P (COSD).
n=0
The set of eigenfunctions (L egendre polynomials or
their derivatives) in which one or another of these prod-

uctsis expanded depends on the expansion standing on
the left of a specific inhomogeneous equation.

For relationships (8) to be more convenient to use, it
is necessary to find coefficients Ky O T ke @Nd
Nigm Inexplicit form.

(4a) It is known that, for Legendre polynomials
defined by the Rodrigues formula

n
d 2n

pooss) = CL_d° gs hso (9)
2"n! d(cos9)"
the orthogonality condition
nP (cos9)P, (cosd)sinddd = 20 .
I[P " S 2m+1 (10)
0

k, m=0
(where o, is the Kronecker delta) holds.

Let us expand the product P,(cosd)P,(cosd) into a
series in Legendre polynomials P, (cosd). To this end,
we multiply the relationship

P (cos®)P,(cosd) = Z K P (C0s9)
n=0

by Pg(cosd)sind (g = 0) and integrate the result over 9
from 0 to 1. We (10), we find that

Kkmn

" 11
- Zn; - [ Pu(cosd)Py(cosd)Py(cosd) sind dd b

Asfollowsfrom (9)—(11), coefficients K,,,,, have the
following properties: (i) they are symmetric with
respect to the first two subscripts; (i) at n = 0, K0 =
O/(2m+ 1); (iii) if thefirst or second subscript is zero,
Komn = Om OF Kion = Oy respectively; and (iv) at any k,
m, n= 0,

2
Kkmn = (Clr:gmo) ’

where Cﬂgmo are the Clebsch—Gordan coefficients[17].

(12)
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Atn=1, inview of (11) and (9), we have

Kimi = gJ'Pk(cosS)cosﬁ P.(cosd)sinddd.
0

Applying the recurrent formula
cosd P,,(cosd) = —T—ri—li m+1(C0SD)

mn

Fome1 M

to this expression and using orthogonality condition

(10), we easily arrive at an expression for coefficients
kmls

(cosd)

3m6k’m_1 3(m+1)6k,m+l
(2m-1)(2m+1) (2m+1)(2m+3)

Note that the explicit form of coefficients K,,,,, and
Ky €an be obtained in asimilar manner,

Kkml =

. m m+1
K1mn - 2m+1 m—1,n+2m+1 m+1,ns

k k+1

Kkln = 2k + 16k 1, n 2k + 16k+1 n:
(4b) Prior to expanding the product
03P, (cosd)0sP,(cosd) in Legendre polynomias

P.(cosd), we write the relationship
05 P, (cos9)adsP,(cosd) = z Oy Pr(c0sd), (13)
n=0
multiply it by Py(cosd)sind (s, = 0), and integrate the
result over 8 from 0 to 1tto find, in view of (10),

q _2n+1
kmn 2
n (14)
XIOS P.(cosd)dsP,,(cosd)P,(cosd)sinddd.
0

Using (9) and theformulaof integration by parts, we
find that

s

% [Pi(c059) (355 Pr(c0S9)
0

Oymo =
kmO (15)

+ cotdo 4P, (cosd))sinddd.

Legendre polynomials are known to satisfy the dif-
ferential equation

0g5 P(cosd) + cotdd 4P, (cosd)
+m(m+1)P,(cosd) = 0.
Expressing the combination 0g3P.(COS8) +
cotd 03P, (cosd) from (16), substituting the result into

(16)

ZHAROV et al.

(15), and using orthogonality condition (10), we obtain
coefficients oo in the form

- m(m+1)

akmo - ’m+1 6km-

17)

Asfollows from (14), coefficients oy, are (i) sym-
metric with respect to the first two subscripts; (ii) equal
to zero when the first or second subscript equals zero,
Oom = Oon = 0; and (iii) expressed through the Cleb-
sch—Gordan coefficients as [17]

~CromoCreym~/K(k+ I)m(m+1).  (18)

akmn -

Atn=1,inview of (14) and (9), we find that
Tt
Oy = g’J'aﬂPk(cosS)cosﬁaﬂPm(cosS)sinSdS.

Applying the recurrent formula

cos90 4P (cos?) = ———=04P,,1(C0OSD)

2m +1
m+1

+2m+163 m_1(cosd),

to this expression, we easily find, with (10), (13), and
(17), that
o = 3m(m-1)(m+ 1)6
kmt T (2m-1)(2m+1) ™t
+ 3m(m+1)(m+ 2)6
(2m+1)(2m+ 3) <M+

(4c) Let us expand the product Py (cosd)0dgP,(cosd)
in Legendre polynomial derivatives d5P,(cosd),

+o00

P (cos9)ds P, (cosd) = z I mn0s Pn(cosd). (19)
n=1
Multiplying (19) by d5P4(cosd)sind (g = 1) and

integrating the result over § from 0 to 1T, we find, in
view of (10), (13), and (17), that

2n+1
2n(n+1)

n (20)
><‘[Pk(cosl9)6{3 P (cosd)dyP,(cosd)sinddd.

0

rkmn -

Substituting expansion (13) into (20) in view of (10)
yields

2n + 1 anmk
M = 21
kT n(n+1)2k+ 1 (21)
TECHNICAL PHYSICS Vol.50 No.9 2005
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or, inview of (18),
r — 2n + 1 anmk
kT (n+1)2k+ 1
_(@2n+1) m(m+ 1)C kO
(2k+ 1) n(n + 1) nOmO™~n(-1)m1-*
Taking into account (20), we can write
2n+1
2n(n+1)
n (22)
><I<33(Pk(0051f3)Pm(cosﬁ))a,9 P.(cosd)sinddd.
0

(21a)

I_kmn + rmkn =

Integration of (22) by partsyields

2n+1
—————[P,(cos)P,,(cosd
2n(n+ 1),[ d )P ) (23)
% (099 P,(C0OSD) + cotddyP,(cosd))sinddy.

Expressing the combination 0dgy3P,(cOS3) +
cotd 043P, (cosd) from (16) and substituting the result
into (23), we get

rkmn + I_mkn -

2n+1

2

m (24)
XIPk(cosﬁ)Pm(cosﬁ)Pn(cosﬁ)sin{idﬁ = Kymn-

rkmn + rmkn =

(4d) Let us  expand the product
03P, (c0s9)059 P(cOsd) in Legendre polynomial deriv-
atives 043P, (cosd),

+o00

05 P, (cosd)dgs P(cosd) = Z Nmn0sPr(c0osd). (25)

Multiplying identity (25) by d3P4(cosd)sind and
integrating the result over § from 0 to T, we find, in
view of (10), (13), and (17), that

_ 2n+1
Arn = 2n(n+1)
" (26)
XJ’GS P.(cosd)0ss P(cosd )P, (cosd)sind dd.
0

Expressing derivative dggP(cosd) from (16) and
applying the recurrent formula

—Cot90 5Py (M) = 0,Pr_1(H) + MP(1); M= cosd,
we obtain
095 Pr(H) = 0P 1(W) —MP(l).  (27)
TECHNICAL PHYSICS Vol. 50 No. 9 2005
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Substituting (27) into (26) in view of the expansion

[m/2]

0uPm-1(K) = 5 (2m—4j +1)Pp_5;(1)

i=1

(the bracketed quantity in the upper limit of the sumis
the integer part of the number), we find that

[m/2]
_ 2n+1
/\kmn - 2n(n+ 1) z (2m 4J + 1)

L

XIae Pn(cosd)dsPy(cosd)Py,_,;(cosd)sind dd
0

_(@n+1m’
2n(n+1)

11

xIaﬂ P,(cosd)dyP,(cosd)P,(cosd)sinddd.

In view of (14), this expression can be recast as

[m/2]

2n+1 0 7
= 1 nkm+ Zankm ZJD (28)

kmn = h(n + 1) D[}2m+

or, inview of (18),

_ k(k+1)
Akmn—(2n+ 1) n(n+1)
0 mi2] A (289)
X m+ 1 nOkOCn( k1™ z ngkozno EwT l)ZKIiD

Using (26), we can write the sum

2n+1

Piamn * 2n(n+1)

/\mkn =

T

X J'as(as P, (cosd)dyP,(cosd))0yP,(cosd)sinddd.

Integrating this expression by parts gives

2n+1
“on(n+ 1) 1)103 P.(c0s9)0,Pp(cos9)

/\kmn + /\mkn -
x (0g5 Pn(c0OS9) + cotdogP,(cosd))sinddd.

Expressing the combination 0dgy9P,(cOS9) +
cotd dyP,(cosd) from (16) and substituting it into this
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relationship, we get
_2n+1
/\kmn + /\mkn - 2
n (29)
X J’ 03P, (cosd) 0y P, (cosd)P,(cosd)sinddd = Oy,
0

Thus, in (8), coefficients I',,, of the expansions in
L egendre polynomial derivatives are expressed through
coefficients 0., and K., of the expansions in Leg-
endre polynomials, according to (21) and (24). The
sameistrue for coefficients A\, according to (28) and
(29). Since d,,, and K., inturn, are expressed through
the products of the Clebsch—Gordan coefficients,
according to (12) and (18), coefficients Iy, and A
are also expressed though the Clebsch—Gordan coeffi-
cients, according to (21a) and (28a). In solving the
problem of nonlinear vibrations of a viscous liquid
drop, the found relationship between the coefficients
may significantly cut the body of computation by
means of convolution of the coefficients.

(5) Relationships (24) and (29) can be found in
another way, i.e., directly from expansions (8).

(5a) Differentiation of thefirst expansion in (8) with
respect to the polar angles gives

P (cosd)dsP,,(cosd) + P, (cosd)dyP,(cosd)

= Z Kimn@s Pn(CcOSY).
n=0

Now, we apply the third of the expansionsin (8) to
the left of this relationship and combine all the terms
under the sum to get

[

Z (rkmn + rmkn - Kkmn)aﬁ Pn(COS'S) = 0.

n=1

From this equality, relationship (24) follows imme-
diately, since this expansion in the infinite orthogonal
set of the Legendre polynomia first derivatives van-
ishesiff al the coefficientsin (30) equal zero.

(5b) Differentiation of the second expansion in (8)
with respect to the polar angle yields

05 P, (cosd) 0y Pr(coSY) + 04 P (cOSH) g5 P (COSD)
= O 09 Pr(COST).
n=0

Now, we apply the fourth of the expansionsin (8) to
the left of this relationship and combine all the terms
under the sum to get

(30)

Z (/\kmn + /\mkn - akmn)a{) Pn(COS'S) =0
n=1
from whence relationship (29) follows.

ZHAROV et al.

(6) The found relationship between the expansion
coefficientsin (8) and the Clebsch—Gordan coefficients
allows us to derive new relationships between second-
degree products of the Clebsch—Gordan coefficients,
which cannot be derived from the known formulas (see,
e.g., [17]). For example, substituting (18) and (28) into
(29) yields

[m/2]
(m—2j)0C(m—2j)O

1
—_——Cn n(—.
jZl m(m+ D) 0, kO (-1), k1
[k/2]
y z 1 C(lg-zé)oc(k—lzj)ol — 1
£ kk+1) " T (an+ 1) /n(n+ 1)

x[n(n+1)—(k—m)2][n—(k+m)](1—n+m+ k)
[n(n+1)—Kk(k+1)—m(m+1)]

no no
X Cyo, moCr(-1), m1-

Another relationship between the second-degree
products of the Clebsch—Gordan coefficients can be
found from (24) inview of (12) and (21). However, this
relationship can also be deduced from the relationships
for the Clebsch—Gordan coefficients that were pre-
sented in [17] and is therefore omitted here.

CONCLUSIONS

Thus, problem (7) of finding quadratic-in-amplitude
solution components appearing in calculation of non-
linear vibrations of a viscous liquid drop can be repre-
sented in asolvable form. In any case, theinhomogene-
ity functions on the right-hand sides of problem (7) can
be expanded in the same single seriesin Legendre poly-
nomials or in their first derivatives as the desired quan-
tities of the problem, which stand on the | eft-hand sides
of Egs. (7). Using expressions (21), (24), (28), and (29),
which relate coefficients Iy Ay Kiene @A Oy 0
expansions (8), one can significantly ssimplify the math-
ematics and analytical form of the final result.
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Abstract—This paper elaborates upon a previous investigation into the influence of external electric and mag-
netic fields on a flow through a supersonic diffuser. The aim of the present study isto correlate achangein the
configuration of a shock wave emerging near the diffuser inlet at magnetohydrodynamic interaction with the
amount of force and energy actions and with total pressure losses. For this purpose, the main parameters of the
shock wave structure and the total pressure are measured at the diffuser outlet when the flow is subjected to
magnetic and electric fields of various strengths at different routes of current passage. In the experiments, a
shock tube with asupersonic nozzleis employed. The shock tube forms aflow behind the shock wave reflecting
from the end of the tube, which terminatesin the nozzle. The diffuser islocated directly downstream of the noz-
zle. Theinvestigation is carried out in xenon. The flow is subjected to external fields at the inlet of the diffuser.
The shock wave structure is visualized by frame sweeping of Schlieren patterns of the flow. The total pressure
is measured with a piezoel ectric transducer located at the end of the channel. The results obtained make it pos-
sible to optimize the action on the flow in terms of power consumption and total pressure losses for a given
design of the diffuser. © 2005 Pleiades Publishing, Inc.

INTRODUCTION

Thiswork wasfavored by the furiously debated con-
cept of shock control in the diffusers of hypersonic
vehicles with the magnetohydrodynamic (MHD)
approach [1-7].

The objects of experimental investigation are a dif-
fuser with total internal compression of the flow and a
shock wave in the form of two attached shocks arising
a the inlet of the diffuser. With magnetic and electric
fields applied, the flow through the diffuser is subjected
to the Lorentz force, which decelerates or accelerates
the flow, depending on the direction of the current, and
Joule heating, which slows down the supersonic flow.
In addition, the flow through the diffuser is noticeably
affected by the boundary layer. The region and duration
of the field action on the flow depend on the time of
electric current passage.

In this paper, we study the effect of magnetic and
electric fields on the flow at the diffuser inlet. Our aim
is(i) to see how various modes of current passage influ-
encethe basic characteristics of the attached shocks and
total pressure losses, (ii) to correlate the changes
observed with the amount of force and energy actions
causing these changes, and (iii) to optimize the externa
action on the flow by analyzing the data obtained. It
also seems useful to compare our experimental data
with the available analytical calculations.

EXPERIMENTAL

As a working gas, we used thermally preionized
inert gas xenon. Simulation was performed in terms of
the basic similarity criteria

The experimental setup was described in detail else-
where[8, 9]. It comprises agasdynamic channel, asys-
tem generating a quasi-static magnetic field, and a sys-
tem generating quasi-static and pulsed—periodic elec-
tric currents. Figure 1 shows the basic components of
the gasdynamic channel: a shock tube, a nozzle, and a
diffuser. When the flow at the end of the shock tube

Second visible

First visible area area

X Pressure probe

. 573 6
B .
gl =

Nozzle Diffuser

0O 2 4 6 8 10 12 14
X, cm

tube
~

|

Shoc

Fig. 1. Schematic of the setup. uistheflow velocity, Bisthe
magnetic induction, | is the electric current, and F_is the
Lorentz force. (1-7) Electrodes.

1063-7842/05/5009-1132$26.00 © 2005 Pleiades Publishing, Inc.
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slows down, the gas strongly heats up with subsequent
thermal ionization. The resulting plasmaissuesinto the
accelerating nozzle, where the degree of ionization
decreases appreciably; however, it remains sufficient
for MHD interaction because of a slow recombination
of charged particles in xenon. Then, the accelerated
flow enters the diffuser with electrodes mounted on its
wall (the electrodes are numbered in Fig. 1). Figure 1
also shows the directions of flow velocity u, magnetic
induction B, electric current |, and Lorentz force F,
together with the basic parameters of the shock wave at
the inlet: distance X; between the diffuser inlet and the
point of crossing of the attached shocks, angle ¢
between the attached shock and the diffuser wall, and
angle 2a at which the attached shocks meet.

The investigation techniques used in the experi-
ments were the following: optical methods (a tailored
optical scheme for visualizing gasdynamic inhomoge-
neities in the first or second area of observation (see
Fig. 1) and high-speed Schlieren photography of the
flow [8, 9]); recording of 1-V characteristics [10] and
potential spatia distribution; and measurement of the
volume and effective conductivity of the plasma [11],
aswell as of the concentration and temperature of elec-
trons based on radiation in recombination continuum
[11, 12]. A new (previously unused) procedure in this
experiment is measurement of total pressure [13]. To
thisend, using the calibrated piezoel ectric probe shown
in Fig. 1, we measured stagnation pressure p,, behind
the shock wave detached from the probe. Then, the
probe was replaced by a notched plate. From the incli-
nation of the contours of weak flow perturbations due
to the notches, we determined local Mach number M,
of the flow. With these two values, total pressure pygin
the flow was calculated using the well-known relation-
ship [14].

A magnetic field was generated by discharging a
capacitor bank through Helmholtz coils. Compared
with plasma flow duration At, the magnetic field can be
considered as stationary. An electric field was produced
by discharging a circuit consisting of a set of LC cells
through the plasma gap and loading resistor. It should
be noted that, in the experiment discussed, the applica
tion of an external electric field is the necessary condi-
tion for operation of the setup; namely, it is applied to
compensate for a high near-electrode potentia drop,
which prevents the passage of a magnetically induced
current [10]. Theelectric field generation circuit used in
the experiments makes it possible to study both steady-
state and pul sed—periodic processes. To form short sin-
gle current pulses and a train of current pulses, time-
separated voltages from several LC circuits were
applied to the electrodes. Each of the LC cells was fed
by closing a controllable switch (a TCh-25 thyristor).
To close the switch at a given time instant and control
the time delay between current pulses, we designed a
special switch-controlling device consisting of syn-
chronization and delay control units. The equivalent
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Fig. 2. Equivalent electric diagram.

electric circuit for a pair of electrodes is shown in
Fig. 2. Here, the MHD generator is represented as a
source of emf € = uBh with internal resistance Ry
series-connected to three sources of time-shifted exter-
nal voltages (V;, V,, and V) and loading resistor R.. For
the circuit consisting of the MHD generator and exter-
nal voltage source connected in series, Ohm'’s law has
the form

IRgr = (1-k)(uBh+V),

where k = R/(R + Ry) isthe load ratio, h is the elec-
trode gap, and V is the voltage at the output of the LC
circuit.

The experiments were carried out for a Mach num-
ber at the shock wave front in the shock tube of 8 and
an initial gas pressure in the low-pressure channel of
30 Torr. The calculated flow parameters at the diffuser
inlet were Mach number M, = 4.3, gas density p;, =
0.127 kg/m3, flow velocity u;,, = 1.55 x 10° m/s, plasma
conductivity o, = 600 S/m, and flow duration At =
600 ps.

Interaction with the external fields was accom-
plished at the inlet of the diffuser, because, as was
shown earlier [9, 15, 16], such alocal action provides
an energetically more favorable control of attached
shocks.

The flow through the diffuser was studied for three
modes of current switching: (i) the steady-state trans-
verse current passes between thethird pair of electrodes
facing each other in the inlet part of the diffuser, the
inlet operating like a Faraday channél; (ii) the currentis
of the same configuration, but the channel operatesin
the pulsed—periodic regime; and (iii) the steady-state
longitudinal current flowsin a narrow near-wall region
between adjacent electrodes 3 and 4.

THE FIRST MODE OF CURRENT
SWITCHING

The influence of external fields on the diffuser flow
appreciably depends on the current density distribution
in the electrode gap. This distribution was deduced the-
oretically [17, 18]. Figure 3 shows the current distribu-
tion numerically simulated under the conditions of the
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Fig. 3. Numerically simulated current density isolinesat | =
390A and B=1.3T. Thefiguresindicate therelative current
density.

Fig. 4. Schlieren pattern of the flow. (a) | =0, B =0 and
(b) 1 =390A,B=13T.

Fig. 5. Numerically simulated distribution of the flow Mach
number and the positions of the attached shocks. (a) | =0,
B=0and(b)| =390A,B=145T.

given experiment (courtesy of the authors of [17, 18]).
The distribution is asymmetric due to the Hall effect.
A high current density near the remote edge of the
anode, which results in a considerably wide tempera-

VASIL’EVA et al.

ture layer near the wall, stands out. We assume that
range L of interaction equals approximately two elec-
trode lengths along the flow. The closed current linesin
the nozzle and at the end of the channel (Fig. 3) are due
to flow and field nonuniformities. The calculation
showsthat these currents are weak and, therefore, affect
the flow pattern little.

Figure 4a (Schlieren patterns of the flow) shows the
positions of the attached and reflected shocks in the
absence of external fields. Thereflection of the attached
shocks from one another isregular. In the Schlieren pat-
tern, one can also see the boundary layer and weak gas-
dynamic perturbations at the electrode-insulator inter-
faces. Figure 4b shows the Schlieren pattern for the
case when the flow stagnates in the magnetic and elec-
tric fields. The switch-on attached shocks are seen to
became dlightly concave, possibly because of the pres-
ence of Hall currents. The most noticeable changes are
that angle ¢ increased and the point of interaction of
these shocks approached the diffuser inlet, since the
external fields slowed down the flow and decreased its
Mach number. The Schlieren pattern also shows that
the near-wall layer widened considerably: it originates
a the remote edges of the electrodes and accommo-
dates weak shocks.

Figure 5a displays the pattern of gasdynamic inho-
mogeneities calculated at the same initial conditions
with no regard to viscosity [17] at | = 0, and Fig. 5b
showsthe shock configuration when the flow is affected
by the Lorentz force and Joule heat. It is seen that the
positions of the attached shocks obtained by numerical
simulation change more weakly than in the physica
experiment. To elucidate the reason for this observa-
tion, let us estimate the amounts of the force and energy
actions that affect the flow in the numerical and physi-
cal experiments.

In the calculation, theinitial conditions were identi-
cal and the values of the electric current and magnetic
field were nearly identical to those used in the experi-
ment. The difference showed up in the value of the con-
ductivity. The calculation results showed that the volt-
age drop over the electrode gap is approximately twice
as small as in the experiment. This means that the cal-
culated conductivity (o = 650 S/m) is higher than the
experimental value in the flow core (o = 300 S/m)
determined in [11]. This, probably, is due to the fact
that, once the Lavsan® diaphragm at the end of the
shock tube breaks down, a large amount of organic
impurities enter the channel, decreasing the selective
heating of electrons and nonequilibrium ionization of
the gas. A lower conductivity leads to an increasein the
Joule heating of the gas and, consequently, to greater
changes in the positions of the attached shocks, which
we observe in the experiment.

Another sign that the flow is affected from the out-
Side are total pressure losses. The total pressure was

1 Russian equivalent of Dacron.
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measured and calculated at the diffuser end. In the
absence of external actions, the experimental and cal-

culated values of the total pressure were p(l)o =94 and

12.3 atm, respectively. In the presence of current | =
330 A and magnetic induction B = 1.3 T, the respective

values of the total pressure equaled p,, = 5.9 and
9.13 atm. Consequently, a weaker change in the posi-
tions of the attached shocks in the numerical experi-
ment isaccompanied by alower relativelossin thetotal
pressure.

The changes in the positions of the attached shocks
and total pressure losses are the responds of the flow to
the force and energy actions. Theforce action isdefined
by the Stuart parameter (St), which is the ratio of the
work done by the Lorentz force over the length of the
interaction zone to the doubled kinetic energy of the gas
[19]. Energy action N is defined asthe ratio of the Joule
heat being released in the gas due to external and mag-
netically induced fields for the time of flight to the dou-
bled kinetic energy of the gas [19]. We express these
parameters as follows:

_ifL 1

pinuin
Here, j = I/Sisthe current density; Sisthe sum of the
areas of the electrode and electrode gap; g, is the
plasma scalar conductivity; and p;, and u;, are the gas
density and flow velocity at the diffuser inlet, respec-
tively. The table lists the experimental and calculated
amounts of the actions and their attendant changes in
the flow at | =350 A and B = 1.3 T (namely, relative

change A—%‘ in the angle between the attached shocks at
a

5 -
0-Ouinpinuin

C

0
C

tion of this point, and relative change AP in the total

0
P10
pressure; the valuesin the denominators are the respec-

tive parametersin the absence of external actions).

As seen from the data presented, the weaker
changesin the flow parameters in the numerical exper-
iment are associated with weaker Joule heating.

The impression of how the flow parameters are
affected by various external effects can be gained using
the one-dimensional approximation [19, 20]. It has
been shown that various factors (the channel geometry,
Lorentz force, heat supply or removal) act additively,
their relative contributions being different. For exam-
ple, with St and N being the same, the Lorentz force
influences the flow velocity 2.5 times more strongly
than the heating, irrespective of the flow Mach number.
The influence of the Stuart and energy parameters on
flow Mach number M depends on the value of M. For
example, at M closeto unity, the Lorentz force also acts

A
the point of crossing, relative change in the posi-
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Table
Ad AX. | Ap
Al | =5 || | N
a Xc plO
Experiment| 330 | 0.4 0.27 | 0.38 | 0.037 | 0.047
Caculation| 360 | 0.05 | 0.12 | 0.245| 0.04 | 0.022

2.5 times more effectively than the heating. At M > 5,
the Lorentz force and Joule heating equally influence
number M. As applied to the given experiment, these
two factors seem to have comparabl e effects on the flow
Mach number, which is the chief parameter specifying
the positions of the attached shocks.

Thus, one reason for the discrepancy between the
experimental and numerical data is that, in the experi-
ment, the plasma conductivity islower than that usedin
the calculation; accordingly, the Joule heating is more
intense and the flow stagnates more rapidly. The second
reason isthe formation of the near-wall layer in the dif-
fuser in the experiment.

The experiment was carried out in a wide range of
the current at B = 1.3 T. Figure 6 shows the main geo-
metric parameters of the attached shocks, aswell asthe
total pressure on the flow axis at the diffuser outlet and
the relative amounts of the force and energy actions, at
various current strengths. It follows from Fig. 6 that the
shock wave configuration changes appreciably as the
action gets stronger. For example, at the maximum cur-
rent, angle 2a approaches 90°; that is, under these con-
ditions, regular reflection of the attached shocks
changes to Mach reflection with the formation of local
subsonic zones. In thisregime, the total pressure drops
most significantly (by a factor of five) and approxi-
mately 10% of the flow kinetic energy is spent.

Sincethiswork was aimed at studying thefeasibility
of correcting the shock wave characteristics at small
deviations of the flight Mach number from the rated
values, it is of interest to know conditions under which
the shock characteristics change insignificantly (about
10%) in the given diffuser. The corresponding data are

AX A
B9 - 01,22 =0.1, 222 0,25, and 5= 0,011, N =
a Xe P10

0.0055.

THE SECOND MODE OF CURRENT
SWITCHING

To reduce the level of force and energy actions, we
used pulsed—periodic current signals and accomplished
the so-called rel axation—periodic action. The essence of
such an approach is that there exist a finite relaxation
time for which the shock wave takes a new configura-
tion after the action has been switched on and a finite
relaxation time for which the shock returns to the
former configuration after the action has been switched
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Fig. 6. (a) Half-angle between the shocks at the point of
crossing and the position of this point, (b) total pressure,
and (c) parameters of the force (St) and energy (N) actions
vs. the current strengthat B= 1.3 T.

off [21-23]. The shape of current pulses is shown in
Fig. 7a. The first pulse rises more slowly. It may be
assumed that the second and third pulses are fragments
of the pulsed—periodic current. Figures 7b and 7c show
that the angle between the shocks and the distance to
the point of their crossing reach the steady-state values,
which correspond to a maximum current, within 30—
40 ps from the beginning of the first pulse and then
remain virtually insensitive to the current oscillations.
The pulsed—periodic current needed to produce a given
shock configuration is approximately 10% lower than
the direct current. Thus, there is reason to think that, in
the former case, the force and energy actionsare 10 and
20%, respectively, lower than in the latter. The total
pressure remains nearly the same.

The numerical ssimulation of the problem indicates
the same tendencies [23]. Figure 8 shows the variation
of geometric parameter X, with current oscillation.
During the first pulse, X, increases but does not reach
the steady-state value. Then, the value of X, varies
weakly with time and, when the current drops most sig-
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Fig. 7. Pulsed—periodic regime at B = 1.3 T. The time vari-
ations of the (a) current, (b) difference between the posi-
tions of the point of crossing of the shocks in the absence
and presence of the interaction, and (c) angle between the
intersecting attached shocks. The dashed lines in panels
(b) and (c) show the steady-state values of AX; and 2a at

1= e

nificantly (between the second and third pulses),
becomes appreciably higher than its value for the same
value of the stationary current.

From the experiments with pulsed—periodic interac-
tion, one can find the amount of external actions caus-
ing small changes in the geometric parameters of the
attached shocks and an insignificant drop of the total

pressure. The related data are as follows: -A-% = 0.1,
a
AX A
¢ =01, =212 = 0,75, 5t = 0.01, and N = 0.0045.
Xc plO

Theforce and energy cost in this case are lower than
in the previous one.

THE THIRD MODE OF CURRENT
SWITCHING

Thismode of interaction isshown in Fig. 916, 20].
Here, near-wall longitudinal current | passes through
the pair of electrodes 3 and 4. Inthis case, Lorentz force

TECHNICAL PHYSICS Vol. 50
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Fig. 8. Numerically simulated time variations of the electric
current, voltage applied to the electrodes, and shift of the

point of crossing of the attached shocksat B=1.3T.

Fig. 9. The third mode of current switching: | isthe electric

current and F|_isthe Lorentz force.

Fig. 10. (8) Schlieren pattern of the shocks and (b) the val-

ues of angle ¢.
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F, both compresses (expands) the gas volume and
decelerates (accel erates) the flow. Figure 10a showsthe
Schlieren pattern of the flow at an average current of
450 A and B = 1.3 T, and Fig. 10b clarifies the related
values of angle ¢. It is seen that the inclinations of the
attached shocks changed by 2° as aresult of the inter-
action: the upper shock approached the wall, while the
lower moved away from it. Within the accuracy of the
measurements, the total pressure in the absence and
presence of the external actions remained the same.

In this mode of current switching, the power of vol-
ume forces P is defined as

P = [F. fudr,

where F. =] x B is the Lorentz force, u is the flow
velacity, and T isthe volume.

The average work of the Lorentz force is [All=
2

(PHL/u;,). The value of [St= [Allp;,u;, is estimated
accurate to afactor of two.
Here, the main parameters of the shocks and flow

change noticeably when Ao _ 0.13, AF;m =0, St =

Po P1o

0.02, and N=0.1.

This mode seems attractive in that the flow coreis
disturbed wesakly; however, it is energy-hungry.

CONCLUSIONS

Analysis of the configuration of the shock wave at
the inlet of the diffuser that appears under the action of
magnetic and electric fields suggests that the pulse-
periodic regimeisoptimal in terms of energy consump-
tion and total pressure |osses.

Generalizing the experience gained in this area of
research, we argue that the place and mode of action
application can always be found in such a way that
small changes in the position of the attached shocks
require low energy costs and are accompanied by low
losses in the total pressure. The MHD approach to con-
trolling shocks in a diffuser seems very promising in
this respect.
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GAS DISCHARGES,
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Vacuum Discharge Instability at Laser Initiation
of a Cathode Spot
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Abstract—The dynamics of fast (a current rise time of <10 A/s) laser-induced vacuum discharges with mod-
erate amplitudes of the current (<10 kA) and voltage (<20 kV), aswell as medium storage energy (20 J), is stud-
ied. It is shown experimentally that the initial conditions specified by the energy and duration of laser radiation
are a decisive factor governing the discharge dynamics. Two types of beam—plasma instabilities separated in
space and time are discovered, and their occurrence conditions are analyzed. The first type of instability,
observed early in the discharge, is associated with pinch structures at the front of the cathode jet expanding into
avacuum. The second type arises either at the peak or at the trailing edge of the current pulse and is accompa-
nied by generation of hard (with an energy of =100 keV) bremsstrahlung from the anode region. The increase
of the hard component energy over the current source potential is attributed to breaking due to plasma erosion.

© 2005 Pleiades Publishing, Inc.

INTRODUCTION

In [1], experimental studies concerning fabrication
of small-size quasi-point high-contrast (in terms of the
characteristic lines of the Ti anode) X-ray sourceswere
reported. The sources of interest are based on avacuum
diode with aplasma cathode that is formed by nanosec-
ond laser pulses and areintended for the microscopy of
moving objects with high refractive-index and density
gradients. A most important property of such a source
isthat its operation can be strictly synchronized with a
process being studied in the object and related instru-
mentation. The feasibility of operation at any desired
voltage and the virtual constancy of the anode potential
at the initial stage of the discharge, which is due to a
small total charge (in comparison with the charge of the
capacitive storage) transferred by an electron beam
emitted from the laser plasma make it possible to meet
the condition of maximal contrast (an increase of the
characteristic radiation intensity over the bremsstrahl-
ung intensity) U = (3-4)U,, where U, is the excitation
threshold of characteristic radiation.

The need for cutting the duration of a pulse fromthe
X-ray source by increasing the laser radiation power
density at the cathode (according to [1]), aswell as for
decreasing the laser pulse energy in order to improve
the cathode service time, implies a picosecond time of
plasma formation. However, tentative anaysis has
shown that, if the electron emitter isformed by a 30-ns
laser pulse of energy =100 mJ, the contrast of the Ti K
lines (=107) weakens substantially both when the cath-
ode plasma is generated by a =5-mJ laser pulse and
when alaser pulse shrinksto several picoseconds. It has
been found that the spectral composition of the radia-

tion (studied by the filtering method) under the above
operating conditions of the source contains ahard com-
ponent with an energy above the bremsstrahlung energy
corresponding to the current source potential. At an
accelerating potential difference of 20 kV, X-ray quanta
emitted from the anode of the source had an energy of
25 keV. These effects suggest that additional accelerat-
ing mechanisms function in the discharge. Further-
more, recent experimental and theoretical investiga-
tionsinto low-inductive[2, 3], laser-induced [4, 5], and
vacuum discharges have revealed a variety of physical
phenomena (generation of multiply charged ion beams
by cathode jet plasmas, occurrence of nonstationary
emissive centers at the moving boundary of the cathode
torch, current aperiodic focusing and defocusing,
breaking due to plasma-induced erosion, etc.) that can
be attributed to various types of plasma instability. In
this work, we experimentally study the effect of initial
conditions on instability development and attendant
processes, including generation of hard X-ray radiation
in fast laser-induced discharges. Also, we carry out
comparative analysis of the X-ray source in which the
plasma cathode is formed by picosecond and nanosec-
ond laser pulses. Laser control of current passageinthe
discharge could allow parameter stabilization of this
source, cut the pulse duration, and advance on the way
to designing a small-size X-ray source with an X-ray
guantum energy exceeding the current source potential.

1. EXPERIMENTAL

The laboratory setup used in the experiments con-
sists of a mode-locked neodymium glass laser (wave-
length A = 1.06 um, output J < 1 J, light pulse duration

1063-7842/05/5009-1139$26.00 © 2005 Pleiades Publishing, Inc.
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Fig. 1. Experimental scheme. (1) 0.1-pF capacitor, (2) insu-
lating spacers, (3) conical titanium anode, (4) laser beam
(A= 1.06 pm), (5) massive titanium target (cathode),
(6) coaxia current shunt (17 mQ), (7) flexible conductor,
(8, 9) positioners, (10) aperture of camera-obscura, and
(11) system visualizing spatial distribution of X rays from
discharge gap. D1, p——n diode with Ti filter; D,, p—i-—n
diode with W filter; and R, 100-MQ charging resistor.
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Fig. 2. Waveforms of voltage U across the 4.7-pF capacitor
and intensity | of the X-ray radiation from the anode with
quantum energies of >2 kV. The electrode spacing is4 mm;
the discharge current, 3 kA. The laser pulse duration is
27 ps; the laser pulse energy is (&) 2 and (b) 100 mJ. The
first of three current pulses in panel (a) corresponds to the
X-ray radiation arising when the electrons emitted by the
laser plasma strike the anode. The subsequent pulses arise
when the anode is subjected to the el ectron beams generated
in discharge instabilities.

T = 27 ps, and power density P on the target P <
10* W/cm?) and a Q-switched neodymium glass laser
(J<0.5J 1=230ns, and P < 10" W/cm?), a vacuum
diode, and a diagnostic station. The diodeincludesadc
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voltage source (U < +20 kV) and an interaction cham-
ber (evacuated to a pressure of 5 x 10~ Torr), in which
a grounded plane-parallel titanium target (cathode), a
titanium conical anode with atip diameter of 250 um,
and a capacitive storage are placed. The electrode gap
can be varied from 1 to 30 mm. A vacuum dischargeis
initiated by laser radiation focused into a spot of diam-
eter 200 um on the target. The inductance of the diode
circuit, which is measured in the short-circuited mode,
depends on the electrode geometry and design of the
capacitor. With a K15-10a ceramic capacitor of capaci-
tance 4.7 nF used in the circuit, the inductance equals
0.2 uH or more depending on the configuration of flex-
ible electrode terminals. In the case of a K75-48M
0.1-pF-capacitor and the near-coaxia €lectrode geom-
etry, the inductance egquals 0.1 pH. The scheme of the
experiment with the low-inductance discharge loop is
presented in Fig. 1.

The current in the diode circuit was measured with
a 17-mQ coaxial shunt; the voltage across the storage
capacitor, by afrequency-independent resistive voltage
divider. The output X-ray radiation and its time charac-
teristicsin the energy range 0.4-50 keV were measured
with Quantrad 100 PIN-250 silicon p—i—n diodes. The
signals were recorded using a Lecroy 9350A oscillo-
scope with a passband of 500 MHz. The spatial distri-
bution of the X-ray radiation from the discharge gap
was visualized by means of a camera-obscura and a
microchannel-plate recorder. Measurements of the
anode current with a Faraday cup were not carried out
because of the intricate geometry of the diode. How-
ever, we recorded the time waveform of the X-ray radi-
ation from the anode, i.e., traced the beamlike current
passage early in the discharge and at timeinstantsinsta:
bility arises.

2. RESULTS AND DISCUSSION

In the experiments, we analyzed the waveforms of
the current, voltage, and X-ray radiation of the vacuum
diode for different energies of discharge-initiating laser
pulses. The geometry and electrical circuit of the diodes
were similar to those described in [1], while the dura-
tion of a plasma-generating laser pulse was shorter,
27 ps.

Figure 2 shows typical waveforms of the voltage
across the 4.7-nF capacitor and of the X-ray radiation
from the diode's anode for accelerating voltage U =
20 kV, electrode spacing d = 4 mm, acircuit inductance
of 0.2 uH, and a discharge current of no more than
3 kA. The p—i—n diode detected X-ray quanta of energy
E = 2keV. At theinitial stage of the spark discharge, the
voltage decays slowly and the current variation follows
the Child’slaw. Theincreasein the current is associated
with ashrinkage of the electrode gap and anincreasein
the emitting area of thelaser plasma. At this stage of the
discharge, the beamlike regime of current passage is
observed, which is accompanied by X-ray emission
from the anode. In our situation, with the electrode gap
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and laser energy optimized, the maximal beam current
did not exceed 100 A. The typical voltage drop is 15%
of the applied value, which cannot noticeably affect the
contrast of characteristic lines.

At the next stage of the discharge, therate of voltage
drop grows because of ion accumulation in the gap and
the formation of the region (hump of potentia [6, 7])
where U exceeds the cathode-anode voltage. This
region serves as a potential well for electrons. In this
region, effective ionization of the residual gas and elec-
trode material vapor takes place, causing the plasmato
expand rapidly and the current to grow.

When the plasma was generated by a laser pulse
with J < 100 mJ (and, particularly, with J ranging from
1 to 10 mJ), the waveforms (Fig. 2a) showed X-ray
bursts at the anode and voltage jumps across the capac-
itor at the second phase of the discharge, which are
indicative of instabilities. The X-ray burst intensity at
the second stage might considerably exceed the inten-
sity of an X-ray pulse that is generated by the anode
subjected to the electron beam emitted from the laser
plasma. However, the current waveforms did not
exhibit any irregularity (except for small-amplitude
oscillations) at the time instants the instabilities were
observed. The decrease in the contrast of the character-
istic linesisexplained, inthis case, by arapid fall of the
anode potential and the formation of electron beamsin
a wide energy range at the second phase of the dis-
charge. Current passage became stable when the laser
energy was increased, and the anode did not emit X-
rays at the second stage of the discharge at J = 100 mJ
(Fig. 2b). It should be noted that each set of parameters
U and d corresponds to a fixed laser energy above
which current passage became stable.

When studying various operating conditions of the
vacuum diode, we found that two time-separated types
of instability are possible. The first arises at the spark
stage of the discharge; the second, at the peak or trailing
edge of the current pulse. At an accelerating voltage of
20 kV, type-1l instability occurred randomly: their reg-
ular occurrence was observed at not too high voltages
(about 7 kV), electrode gaps of 2—4 mm, and a laser
pulse energy of 2 mJ. The increase in the inductance to
0.8 uH resulted in adecline of the current (by 30%) and
arise in the voltage across the capacitor above voltage
U initially applied to the diode. This indicates that
matching between the initia inductance of the dis-
charge loop and plasmaload influences current passage
in the discharge even for gaps as short as those used in
the experiments. At low accelerating voltages and cur-
rents, type-l instability was absent.

As was noted above, discharge instabilities also
arise when the cathode plasma is generated by a nano-
second laser pulse. In connection with this, we studied
current passage at different light beam power densities
at the cathode. For fixed d (4 mm) and U (20 kV), the
plasma emitter of electrons was created by a picosec-
ond laser pulse with energy J = 100 mJ and power den-
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sity at thefocal spot P = 103 W/cm? and also by apulse
with the same energy and P = 1.6 x 10%° W/cm?. Dis-
charge instabilities were not observed in both cases and
did not arise with increasing energy of the plasma-gen-
erating pulse. Thisindicatesthat it isthe energy deposit
from the laser radiation (the initial volume of the
plasmain the gap) that specifies the stability of current
passage. At the early stage of the discharge, the X-ray
pulse duration depends on the laser radiation plasma
density at the cathode. In the former case considered
above, it equaled 18 ns; in the latter, 27 ns. Thus, an
increase in the laser plasma expansion rate causes the
X-ray pulse duration to decrease. At ananosecond laser
pulse energy of <50 mJ, type-l instabilities arose, while
being not so pronounced as in the case of the picosec-
ond pulse. In general, an increase in the duration of a
laser pulse forming the plasma emitter has a stabilizing
effect on current passage.

Thus, our results show that optimization of the ini-
tial conditions specified by the laser radiation parame-
ters leads to stabilization of current passage in the dis-
charge and makes it possible to cut the duration of a
pulse from the X-ray source. At the same time, it is
impossible to unambiguously answer the question asto
which type of instability causes generation of a high-
energy electron beam and the hard component of the
X-ray radiation. A low sensitivity of photographic
materials to X-ray radiation of energy =10 keV, along
with alow spectral sensitivity of p—i—n diodes at ener-
giesof 220 keV, did not allow usto visualizethegap in
hard X rays and, thereby, completely resolve the time
waveform of the radiation. Therefore, we raised the
energy and current of the discharge by increasing the
capacitance of the storage capacitor (to 0.1 pF), modi-
fying the electrode configuration, and decreasing the
inductance of the discharge loop (to 0.1 pH). As a
result, at U = 20kV and d =4 mm, the discharge current
was raised to ~10 kA.

Under such conditions, the waveforms of the cur-
rent, voltage, and X-ray radiation did not differ radi-
cally from those obtained under the conditions dis-
cussed previously. Asin the former case, plasmainsta-
bilities (generation of a train of X-ray pulses at the
anode) were observed when the discharge was initiated
by alaser pulse with T = 27 psand energies of 1-10 mJ.
However, as the discharge current grew, the yield of
X-ray radiation increased at least by one order of mag-
nitude and, therefore, the radiation was easier to detect.

To determine the spectral range and the directivity
diagram of the X-ray radiation from the anode, we used
two p—i—n diodes arranged at different anglesto thedis-
charge axis. The diode with a 15-um-thick Ti filter
(transparent for X-ray quanta with energy E = 2 keV,
i.e., for the bremsstrahlung and characteristic radiation
of Ti) faced the anode, and the diode with a 50-um-
thick tungsten filter (transparent for quanta of energy
E= 30 keV, i.e, for the bremsstrahlung of Ti) was
placed at aright angle to the discharge axis or behind
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Fig. 3. Waveforms of voltage U across the 0.1-pF capacitor;
discharge current |; and X-ray radiation intensity from the
anode: D1, the signal from the p—i—n diode with the Ti filter
transmitting quantawith E = 2 keV; D,, the signal from the
p—i—n diode with the W filter transmitting quanta with E >
30 keV. The electrode spacing is4 mm; the laser pulse dura-
tion and energy are, respectively, 27 psand 2 mJ.

the anode. In the experiments, the tungsten-filter diode
detected X-ray quantaof energy =30 keV. Theintensity
of hard X rays increased as the angle of this diode was
varied from 90° to 130° and tended to zero in the direc-
tion to the diode that faced the anode. This suggeststhat
the directivity diagrams of the bremsstrahlung and
characteristic radiation differ. The time waveform of
the X-ray radiation showed that the hard component is
due to electron beams generated by instabilities of both
types. However, mgjor contributors are the beams asso-
ciated with type-Il instability, which arises either at the
peak or at the trailing edge of current pulse. The beams
associated with type-1 instability are of alower energy;
therefore, generation of X-ray quanta with an energy

KOROBKIN et al.

0.7

0.6

0.5

0.4

0.3

0.2

0.1

1 1
0 40 60 80 100 120 140 160 E, keV

Fig. 4. Transmission T of (1) Ta@300 pm) and
(2) Ta(300 pm) + Cu(11 mm) structure.

higher than the current source potential is of statistical
character. As awhole, the time waveform of the anode
radiation with energies above 2 keV represented two
time-separated trains of X-ray pulses, of which the sec-
ond one regularly had the hard component of energy
E =30 keV (Fig. 3).

Along with the time measurements, we visualized
the integral spatial distribution of the X-ray radiation
from the discharge gap with a camera obscura. Because
of the presence of the hard component, the aperture of
the camera obscura (100 um in diameter) was made in
a 300-pum-thick tantalum plate (transmission T of the
tantalum plate is shown in Fig. 4). A 0.3-um-thick
Formvar (polyvinyl formal resin) film transmitting
X-ray quantaof energy =50 eV served as afilter. Imag-
ing was accomplished using a microchannel-plate sys-
tem whose sensitivity at energies above 10 keV ismuch
over the spectral sensitivity of X-ray photographic
materials. The images were sensed from the screen
(fiber-optic plate) with a CCD camera. Obscuragrams
taken of thegap at U < 10 kV and J = 2 mJ showed the
presence of an extra soft X ray source, which is on the
discharge axis nearer to the cathode. As the voltage
(and, hence, the current) rosefrom 1to 10 kV, so did the
X-ray intensity and new sources appeared (Fig. 5). In
our experiments, their maximal number was four. As a
rule, the number of the sources coincided with the num-
ber of X-ray pulses emitted from the anode of the p—i—
n diode. These pulses are due to type-l instabilities.
Based on the aforesaid, we may arguethat thereisadis-
tinct correlation between the sources of soft X rays and
type-l instabilities. Accordingly, instabilities of this
type can be related to waveguide-type current passage
because of pinch-induced waists at the front of a cath-
ode jet expanding into a vacuum [3]. Replacing the
Formvar filter by 4- and 6-um-thick polyethylene films
(transmitting the radiation of energies =110 and
=140 eV, respectively), we managed to establish that
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the maximal energy of X-ray quanta emitted from the
waists of the cathode jet does not exceed 150 €V at U =
10 kV and J = 2 mJ. An increase in the laser pulse
energy to 10 mJ lowers the plasma temperature in the
waists, reduces the anode radiation intensity, and
extends the delay time between current passage and
emission of an X-ray pulse (pulses) from the anode. At
J =500 mJ, the additional source in the discharge gap
disappear. This is another evidence that pinching is
behind type-1 instability. Discharge initiation by high-
power laser radiation provides conditions when the
dynamic pressure at the front of the cathode jet exceeds
the magnetic field pressure. Asthe plasma expands into
the electrode gap and the current grows, the situation
reverses and the current channel contracts.

The images also show the presence of an X-ray
source in the anode region of the gap that includes the
hard component. The radiation came out from the
plasma cloud around the conical anode (Fig. 5). Some-
times, the spatial distribution of this radiation was non-
uniform, which indicates filamentation of the near-
anode plasma. Hard radiation with E < 30 keV arose at
relatively low voltages, 1-5 kV. With an increase in the
voltage, the energy of the radiation sharply grows, and,
at U > 10 kV, the recording system was incapable of
imaging the discharge gap, since X-ray quanta trans-
mitted through the base of the camera-obscura. At U =
20 kV, quantawith E = 100 keV were separated out by
sequentially attenuating the radiation using aset of cop-
per plates with a total thickness of 11 mm and a
300-pum-thick tantalum plate (the transmission of the
entire structureis shown in Fig. 4). Inthiscase, it isnot
improbable that the microchannel plate detects second-
ary fluorescent X rays in the tantalum characteristic
lines. However, secondary radiation detection in our
geometry might take place only if the hard radiation
transmitted through the entire set of attenuators.

Today, the commonly accepted concepts of anoma-
lous accel eration of particlesin avacuum discharge are
the formation of a deep nonstationary potential well at
the front of a cathode torch (which is associated with
the ecton mechanism of cathode spot functioning [8])
and breaking due to plasma-induced erosion in plasma-
focus systems [9]. In our case, as follows from the
experimental data, the most plausible process responsi-
ble for generation of hard X-ray quanta with an energy
exceeding the current source potential by at least one
order of magnitude is plasma erosion breaking near the
anode. The electron beams generated at the first and
second stages of the spark discharge cause intense
plasma formation at the anode surface. Also, the heat
flux, if any, from the heated pinch (filament), along
with the Joule heat being released at the contact sur-
face, results in explosive evaporation of the anode
material. The evaporation breaks the discharge loop,
inducing an additional emf that accelerates the electron
flux. In the transition vapor layer near the metal, the
electronsare decelerated, giving riseto hard X-ray radi-
ation. Experimental studies on the yield of hard X rays
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Anode

d=3 mm Cathode

Fig. 5. Spatial distribution of the X-ray radiation from the
discharge gap with quantum energies of =50 keV. The volt-
age across the capacitor is 10 kV; the laser pulse duration
and energy are, respectively, 27 psand 2 mJ.

depending on the anode geometry and material countin
favor of such amodel. The intensity and energy of the
radiation increased when the titanium anode was
replaced by the higher Z and higher vaporization tem-
perature tungsten anode and decreased when the plane
anode was substituted for the needle-like anode. In
terms of this method, it is not surprising that the
increase in the discharge current from 3 to 10 kA,
which was accomplished by varying the discharge loop
parameters, with the voltage across the storage capaci-
tor remaining unchanged (20 kV), led to an increase in
the X-ray radiation energy from 25 to 100 keV or
higher. However, since the discharge gap wasimagedin
the integral regime, the model of breaking due to
plasma erosion in plasma microfocus formation needs
further verification.

CONCLUSIONS

Thus, we established that the initial conditions (the
laser plasma volume in the discharge gap and the dura-
tion of adischarge-initiating pulse) are a crucia factor
governing stable current passage in the gap. Under our
conditions, a decrease in the laser pulse energy and
duration causes instability, two types of which (beam—
plasma instabilities) were regularly observed in the
experiments. A minor increase in the discharge current
under the stable current passage regime causes asignif-
icant rise in the energy of the hard X rays. We believe
that this rise is the result of intense breaking due to
plasma erosion. Results on studying the process
dynamics (time- and space-resolved analysis of the
anode plasma structure) and absol ute measurements of
the hard radiation yield will be reported in further pub-
lications.

In addition, we demonstrated that laser control of
current passage in a vacuum discharge, specificaly, in
an X-ray radiation source, is feasible. Creation of a
plasma emitter of electrons by a picosecond laser pulse
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with apower density at the cathode of =10 W/cm? and
energy J = 100 mJ, combined with electrode gap opti-
mization, allowed us to stabilize current passage and
cut the X-ray pulse duration. At J=370 mJand d =
10 mm, the X-ray pulse was contracted to 10 ns, with
the number of quanta in Ti K lines kept at a level of
10 quanta/pulse [1] and the maximal contrast of the
characteristic radiation relative to the bremsstrahlung
retained.
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Abstract—It is shown that, while suppressing transverse electron motion, the axial magnetic field with an
induction of up to 6.8 x 1072 T in the gap of a plasma diode has no significant effect on the current instability
and on the acceleration of ions at electron beam currents of <40 A. Theincrease in both the critical current and
the period of current oscillationsisrelated to an increasein the plasmadensity after applying the magnetic field.
The maximum energy of the accelerated magnesium ions decreases by =~25% at an induction of 1.7 x 102 T
and does not depend on the magnetic field in the range (1.7-6.8) x 1072 T. © 2005 Pleiades Publishing, Inc.

INTRODUCTION

To clarify the physical picture of ion acceleration in
electron beams and to formulate a relevant theoretical
model, as well as to understand mechanisms behind
current instability, it isimportant to examine the role of
transverse electron motion by applying an axial mag-
netic field. Previous studies of the influence of such a
field on the accel eration of ionsby arel ativistic electron
beam gave ambiguous results. When accelerating ions
in a gas, a magnetic field of 2.5 x 102 T either sup-
pressed acceleration at all [1] or decreased the ion
energy by two to three times and the number of ions by
two orders of magnitude [2]. In diode systems [3, 4],
the magnetic field did not change the maximum ion
energy, but at amagnetic field of 3 x 1071 T, the number
of the accel erated ions decreased substantially [4]. With
a pulsed puffing of deuterium [5], the field with an
induction of 4 x 101 and 8 x 10! T decreased the num-
ber of the accelerated ions by one order of magnitude
but had no effect on the maximum ion energy within the
experimental error. In this context, it is of interest to
further investigate the influence of the axial magnetic
field on the current instability and the acceleration of
ions in a plasma diode under conditions such that the
magnetic self-field of the electron beam is much less
than the external axial magnetic field.

EXPERIMENTAL SETUP AND MEASUREMENT
TECHNIQUE

A schematic of the experimental setup is shown in
Fig. 1la. The plasma in chamber 1 was produced by
cathode spots of an arc discharge with a current of 100—
120 A. The discharge was ignited between magnesium

cathode 2 and annular anode 3. The plasma flowing
with a velocity of 10* m/s through emission orifice 4
entered the acceleration gap of diode I, to which an
accelerating voltage of 2-8 kV was applied after break-
down of discharger K. After this, an unstable mode of
the current flow and electron-beam formation was
established. The acceleration of ions began at the
instant when the current of relaxation oscillations
reached its critical (maximum) value. The pulsed cur-
rent was maintained by capacitor C = 0.5 yF. The diode
current was measured using resistor R; =4 Q, the sig-
nal from which was applied to an oscilloscope, and the
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Fig. 1. Experimental setup and the electric circuit diagram.

1063-7842/05/5009-1145$26.00 © 2005 Pleiades Publishing, Inc.
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Fig. 3. Period of relaxation oscillations Ty vs. initial accel-
eration voltage U for different values of the magnetic field
in the acceleration gap: B = (1) 0, (2) 1.7 x 1072, (3) 3.4 x
1072, (4) 5.1 x 102, and (5) 6.8 x 1072 T.

diode voltage was measured using resistors R, + Rs,
comprising one of the arms of the R/(R, + Ry) =
1300 Q/25 Q voltage divider. The compasition and
energy distribution of the accelerated ions were ana-
lyzed by the parabola method using mass spectroscope
5 and by recording on photoplate 7. The exposure was
varied from 10° to 10* current pulses. A anaysis was
performed for a narrow axial ion beam cut by 1-mm-
diameter diaphragms 6.

Diode acceleration gap | was at the center of
830-turn solenoid 8 (0.2 m in diameter and 0.16 m in
length), which produced the axial magnetic field. The
profile of the magnetic field along the system axisfor a
solenoid current of 20 A is shown in Fig. 1b. An asym-
metry of the field profile is caused by the influence of
steel vacuum chamber 1. Other elements of the setup

PLYUTTO

that were placed in the magnetic field were made of
nonmagnetic materials. The solenoid was aligned and
fixed rigidly with respect to the system axis. A mutual
displacement or misalignment of the axes of the solenoid
and the analyzer led to a sharp decrease (up to complete
suppression) in the current of the accelerated ions that
entered the mass analyzer through diaphragms 6.

EXPERIMENTAL RESULTS

In the unstable discharge mode, the applied axial
magnetic field did not qualitatively change the charac-
ter of the current. Both with and without a magnetic
field, the current underwent relaxing oscillations
(Fig. 2). At an initia acceleration voltage of U = 4 kV,
the oscillation period somewhat increased with mag-
netic induction and decreased with U (Fig. 3). At U =
2 kV, the oscillation period increased nearly twofold for
magnetic fields of 1.7 x 102, 5.2 x 102, and 6.8 x
1072 T, whereas for 3.4 x 102 T, it increased insignifi-
cantly. Thisisrelated to the existence of two oscillation
modes (with longer and shorter periods), which are
seemingly determined by different arcing conditions.

An important characteristic of the unstable dis-
charge mode and accel eration processistherippleratio

F=(.—-J.)/J [6,7],whereJ,,and J arethe minimum
and average values of the current, respectively, and J.is
the critical current. The magnetic field had no effect on
F at magnetic fieldsof upto 5.2 x 102 T (Fig. 4),and a
small increasein F was observed at 6.8 x 102 T.

Thecritica current increaseswith the magneticfield
faster than linearly (Fig. 4, curves 1-3). The reason for
this is an increase in the plasma density. The plasma
source is in a mirror magnetic field (Fig. 1b). As the
plasma flows from the cathode, it is compressed by the
magnetic field and the plasma density increases, reach-
ing its maximum value in the acceleration gap. The
plasma density in the gap increases with the magnetic
field and solenoid current by the samelaw asthecritical
current does (Fig. 4, curve 4). Thedensity of the plasma
ions (in M) was determined from therelationn=1.5 x
10%8J,, where J; istheion current (in A) extracted from
plasma when the voltage polarity across the accelera
tion gap is reversed.

In some cases, applying a magnetic field resulted in
a low-frequency (~10 kHz) modulation of the relax-
ation oscillations (200300 kHz). Such amodulationis
related to a regular motion of the cathode spots in a
magnetic field from the front to the side surface of the
cathode. As a result, the plasma density, the electron
current in the accel eration gap, and the frequency of the
relaxation oscillations change.

The axial magnetic field does not drastically affect
the composition and energy of theions accelerated axi-
aly in the electron beam [6]. Depending on the arcing
conditions and the onset of instabilities, two types of
mass spectrograms were observed: with nearly the
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same number of Mg** and Mg*? ions or with the preva-
lence of Mg* ions. In the first type of mass spectro-
grams, the composition of the accelerated ions was
approximately the same as that in the plasma and the
ion mass spectrum was insignificantly affected by the
magnetic field. In the second type of mass spectro-
grams, applying a magnetic field led to an increase in
the content of Mg*? ions and a decrease in the number
of low-energy ions (Fig. 5).

The maximum ion energy somewhat decreased as
the magnetic field was increased to 1.7 x 102 T and
then did not depend on the magnetic induction (Fig. 6).
Since the critical current increased with induction
(Fig. 4), the maximum ion energy did not depend on the
electron beam current in the range from 6-8 to 30—
35 A. The character of the dependence of the maximum
ion energy on the initial acceleration voltage did not
change when the magnetic field was applied (Fig. 7). In
the presence of a magnetic field, the density of the axial
ion flux decreased and the direction of ion motion was
determined by the position of the solenoid axis.

DISCUSSION

The axial magnetic field B performs several func-
tions in the diode gap and in the region where the ions
are accel erated: it magnetizesthe plasmaelectrons, pre-
vents the pinching of the diode current by the magnetic
self-field By, and suppresses the transverse motion of
the beam el ectrons. The electrons are magnetized when
the condition r, = 12/B < r (wherer, is the Larmor
radius and r isthe radius of the emission orifice) is sat-
isfied, which implies B > 5 x 102102 T. Pinching is
prevented when B > 2 x 10%J,/r; i.e., for J.=35A and
r = 0.008 m, we have B > 9 x 10* T. The transverse
motion of the electron beam in the region where the
ions are accelerated is suppressed at B > 5 x 1073-2 x
10T, and that in the drift space is suppressed at B >
(2-3) x 102 T.

Our experiments demonstrate that the axial mag-
netic field insignificantly affects the current instability.
Since the axia magnetic field suppresses transverse
electron motion, we can suppose that this motion does
not play a governing role under our experimental con-
ditions and the current instability can thus be consid-
ered in a one-dimensional approximation. Therefore,
the main results from one-dimensional computer simu-
lations of unstable discharge modes in thermionic con-
verters[8, 9] also apply to vacuum arc diodes.

When the current is minimum, the plasma boundary
emitting electronsisin the middle of the diode and the
external voltage is mainly applied between this bound-
ary and the anode. The space charge sheath of the elec-
tron beam screens the plasma from the external field.
As the boundary propagates toward the anode with the
plasma ion velocity (~10* m/s), the sheath becomes
thinner and the diode current increases. When the cur-
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Fig. 5. Mass spectrograms of the accelerated ions at B =
(@) 0and (b) 6.8 x 10 2T.

rent density approaches its critical (maximum) value,
the el ectron flow vel ocity becomes higher than the el ec-
tron thermal velocity, the screening sheath breaks, and
the external field penetrates into the plasma. Thisleads
to the formation of a new emitting boundary in the
emission orifice and a new space charge sheath, across
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Fig. 6. Maximum energy of the accelerated ions Wiy, VS.
magnetic induction B for U = 8 kV.
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Fig. 7. Maximum energy of the accelerated ions Wiy,o VS.
initial acceleration voltage U for B = (1) 0 and (2) 6.8 x
10727,

which asignificant fraction of the external voltagefalls.
The plasma then breaks, and a positively charged tran-
sitional plasma is produced on the anode side. Thisiis
confirmed by probe measurements. The new plasma
boundary propagates toward the anode with the plasma
ion velocity. The electron beam formed in the break
region passes through the transitional plasma and tur-
bulizesit. As aresult, the electron beam is spread over
energy and the ions are accelerated to energies that are
2040 times higher than the external potential. The
transitional plasma is destroyed by both the external
field and the electron beam, which transfers a fraction

PLYUTTO

of its momentum and energy to the accelerated ions.
The length of the voltage fall region (which includes
the space charge sheath and the turbulized plasma)
increases, whereas the €lectron current decreases.
When the current is minimum, the transitional plasma
almost disappears and a new cycle of relaxation oscil-
lations begins. The period of relaxation oscillations T,
is equal to the time during which the plasma flowing
from the source fills the region occupied by the transi-
tional plasma. The length of this region is the sum of
diode gap length |, the length of the region lying beyond
emission orifice 4 (Fig. 1) (it increases with orifice
diameter d), and the length of the region inside the
accelerating electrode (it extends with decreasing volt-
age U across the diode). This explains the observed
dependence of T, on U and d [7]. The high-frequency
oscillations predicted by computer simulations and
observed experimentally are excited when the current
reaches its maximum. These oscillations can change
the plasma and diode potentials and can lead to the
energy spread of the electron beam. Since the critical
current is proportional to the plasma density in the
source (Fig. 4), the thermal electron velocity does not
change during adischarge. Thecritical current istwo to
three times higher than the saturation current of the
plasma emitter.

The acceleration of heavy magnesium ions is not
suppressed by the axial magnetic field; this, however,
does not mean that the acceleration is one-dimensional
in character. Strong turbulence can neutralize the action
of the magnetic field. The acceleration region is highly
inhomogeneous [10, 11]: there are current filaments
[12], in which the ions are accelerated, and compres-
sion regions [10, 11, 13], from which the accelerated
ionsare emitted. The axial magnetic field probably pre-
vents the plasma compression and the formation of
numerous accelerating structures, thereby decreasing
the number and energy of the accelerated ions.
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Abstract—A statistical model of the lightning channel attraction to ground objects is proposed based on the
analysis of the available experimental data on the breakdown of long air gaps and the propagation of the light-
ning leader channel. The model allows one to estimate the probability of lightning interception by alightning
rod and of lightning damage of the protected object. Examples of calculating the probabilities of lightning strike
to the lightning rod and neighboring areas are presented. © 2005 Pleiades Publishing, Inc.

INTRODUCTION

At present, lightning-rod protection zones around
objects with a height of up to 150 m are specified by
regulations [1]. However, the existing methods for
determining these zones do not allow oneto account for
the entire complex of phenomena influencing the pro-
cess of lightning protection. Lightning damage of such
objects as missile launch complexes and oil storage
tanks can lead to significant material losses and techno-
genic catastrophes. This necessitates the development
of models alowing one to more exactly estimate the
probability of lightning damage. Such models are also
necessary for estimating the efficiency of new methods
of lightning protection.

Because of the difficulties encountered in investigat-
ing natural lightning, much effort has been devoted to
mathematical and physical modeling of the processes
accompanying the development of lightning. In some
studies (see, e.g., [2-4]), the distribution of the electro-
static field near alightning rod and other objects under
thunderstorm conditions were cal cul ated. Such calcula
tions are usually performed under the following
assumptions: the critical coronafield is E, = 30 kV/cm
and the critical fields that are necessary for the devel op-

ment of the positive and negative leaders are E; =

5kV/cmand E; =10kV/cm, respectively. In[5], a3D

stochastic fractal model of lightning propagation was
proposed. However, this model did not take into
account fluctuations of such important parameters as
the leader propagation velocity, the leader head poten-
tial, the external eectric field strength, etc. The authors
also did not consider the process of lightning striketo a
ground object. In [6], the so-called electrogeometric
lightning model was used. This model assumes the
existence of afunctional dependence between the max-
imum lightning current and the length r to which the
lightning channel stretches during each next stage of its

propagation. The spatial orientation of the lightning
stages is assumed to be determined by a statistical dis-
tribution, the parameters of which depend on the dis-
tance to the ground. It is aso assumed that the entire
discharge channel is formed when some object or the
ground is located at a distance less than r from the
already formed incomplete discharge channel. A disad-
vantage of such an approach isthat the influence of the
electric field distribution on the propagation velocity
and direction of the lightning leader isignored. In [7],
a 2D fractal model was developed that described the
propagation of a stepped leader stroke toward the
ground and the development of an upward leader from
the ground. The practical application of this model is,
however, limited by its qualitative character. In [8], a
fractal theory was used to describe the development of
a high-voltage discharge directed toward the iono-
sphere. In [9], results were presented from the fractal
modeling of lightning strikes to ground objects, light-
ning rods, and the ground for different lightning polar-
ities, different angles at which lightning approaches the
ground, different ground topologies, and different
ratios between the height and width of a building. The
existence of local regions with an increased electric
field (e.g., building's frontons) was also taken into
account. The probability of breakdown was assumed to
depend ontheelectric field strength asp ~ EN. However,
the method for choosing the n value, which signifi-
cantly affectsthe development of the lightning channel,
was not described.

Another stochastic fractal model of streamer and
leader propagation in long discharge gaps was pro-
posed in [10]. The model assumes that the streamers
emerge stochastically and their propagation velocity
depends on the electric field strength. The average
propagation time of the streamers was calculated, and
only those streamers whose propagation time was no
less than this average time were assumed to continue

1063-7842/05/5009-1150$26.00 © 2005 Pleiades Publishing, Inc.
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growing. The leader was assumed to propagate in the
most probable propagation direction, with the propaga
tion probability depending on the electric field strength.
Disadvantages of this model are that it is two-dimen-
sional and that the boundary conditions were formu-
lated quite unclear (the dimensions of the computation
region also were not indicated). According to the data
of E.M. Bazelyan and Yu.P. Raizer, whose works are
cited by the authors of thismodel, the streamer (leader)
velocity depends on the potential difference between
the head of the streamer (leader) and the point toward
which it propagates (see, e.g., [11]). Meanwhile, in the
model, the leader velocity was assumed to be constant
and equal to 10* m/s, while the applied voltage, which
was assumed to be equal to the leader channel voltage,
was varied from 480 to 790 kV. There was also no clear
reasoning behind the method for choosing the time step
in modeling streamer development and for calculating
the probability of leader propagation. Thus, the expo-
nent in the dependence of the breakdown probability on
the electric field strength was not indicated. It is aso
unclear how the leader propagation time (which is sig-
nificantly longer than the streamer propagation time) is
accounted for. The physical processes discussed in
[10], as well as the experimental data provided by the
authors, bear only an indirect relation to the develop-
ment of the lightning leader channel because they oper-
ate with gap lengths that are three orders of magnitude
shorter and with voltages that two to three orders of
magnitude lower than those associated with lightning.

Therefore, in order to solve the problem of lightning
protection, it seems expedient to elaborate a stochastic
mathematical model describing the development of the
lightning leader channel in the final stage of its propa
gation to the ground. The model should also take into
account the dependence of the leader propagation
velocity on the electric field strength, the 3D distribu-
tion of the electric field around the lightning rod and
protected objects, areduction in the streamer resistance
in the final-jump phase, and the grounding resi stance of
the protected objects.

At present, alarge amount of experimental data has
been accumulated on the electrophysical characteristics
of long sparks and lightnings, as well as on the pro-
tected zones of singe lightning rods. This data were
used as a basis for the development of our model.

1. EXPERIMENTAL DATA
USED IN DEVELOPING THE MODEL

According to [11], the attraction of lightning to a
ground object is caused by the influence of the latter on
the distribution of the cloud electric field, which directs
the leader, on average, downward, toward the ground.
The mechanism behind the action of such weak exter-
nal fields (E, ~ 100 V/cm) on the propagation of the light-

ning leader, whose field strength is no less than E;, =
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5kV/cm for positive and E, = 10 kV/cm for negative
leaders, is explained in [11] as follows: the leader
velocity is determined by the difference between the
leader head potential U,, and the external field potential
U, in the head location. The high potential drop

AU = |U,— U, 010-100 MV

over a relatively short streamer zone creates the field
E, = 510 kV/cm > E,, which is sufficient for the
development of a streamer and then a leader. The
authors of [11] believe that the external field either
accelerates or decelerates the leader. The leader veloc-
ity isacertain function of the absolute val ue of the volt-
age difference at the leader head, v, = f(AU), where U,
in the expression for AU isafunction of the radius vec-
tor r of the head. In [11], the following empirical rela-
tion between the leader velocity v, and the voltage at
the leader head was presented:

v, =aU? (1)

Since U, < U,, it can be assumed that AU = U, and,
therefore, v, ~ |AUJY, wherey = 1/2. Asaresult, in [11],
the following equation for leader acceleration was
obtained:

dv,

_ +dVLD dUh+d_lJ0|:ﬁ[|

dt ~ ~dauld dt = dr dtd
v duU @)
Vipg dYs 0
YauO a ~Eog

where the positive and negative signsrefer to anegative
and a positive leader, respectively.

The second term in Eq. (2) leads to the acceleration
of a negative leader if it propagates in the direction
oppositeto thefield vector. The higher the external field
strength and the smaller the angle between the field
vector and the leader propagation velocity, the higher
the acceleration.

When the charged channel of a downward leader is
shorted instantaneously to the ground, the discharge
current through the grounded end of the channel should
also reach its peak value instantaneoudly. In this case,
the peak current depends only on the wave impedance
of the channel and is independent of its active resis-
tance. In reality, the current in the main stoke increases
over a few microseconds and, sometimes, over a few
tens of microseconds. In [11], such a relatively slow
growth of the lightning current was attributed to the
properties of the commutator, whoseroleinthiscaseis
played by the streamer zone of the downward |eader.
According to this approach, the current growth rate and
the current rise time near the ground are determined by
the processes in the vanishing streamer zone of the
former leader, rather than in its channel. The authors of
[11] believe that indirect evidence for thisis that, for a
positive lightning, whose streamer zone is longer than
that of anegative lightning at the same voltage, the cur-
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rent rise time is several times longer. This opinion is
maintained by V.A. Rakov, who pointed out that the
processes in the final-jump phase, during which the
lightning current front isformed, are determined by the
impedance of the plasma switch at the point of light-
ning strike [12]. Therefore, the leader’s streamer zone,
which serves as a commutator, has a finite resistance
and contracts over afinitetime. The slope of the current
front is determined by the decay rate of the resistance
of thisintermediate element between the leader channel
and the ground. The duration of the pulseitself is deter-
mined by the length of the channel through which the
wave of the main stroke propagates.

According to [11], in the final-jump phase, which
begins when the streamer zone reaches the electrode of
opposite polarity (the ground or a grounded object in
the case of lightning), the streamer discharges through
the electrode surface. The streamer velocity increases
rapidly as the streamer zone contracts. This sharp
increasein the current, which lasts over afew microsec-
onds, precedes the current pulse of the main stoke. The
latter begins when the leader channel reaches the elec-
trode.

The development of breakdown of a long (up to
29 m) rod—plane gap to which a positive voltage was
applied was studied in [13]. It was pointed out that the
leader consists of a narrow plasma channel and a fan-
shaped streamer zone (ionization zone), which occu-
pies a certain volume ahead of the channel and feedsiit.
The channel transports the electrode potential and,
accordingly, the region of the strong dectric field into
the gap, thus ensuring the leader development. The
propagation vel ocity of the streamer head is higher than
that of the leader head by one order of magnitude. The
authors of [13] distinguished two main stages of along-
gap breakdown. Thefirst stage lasts from the formation
of acoronato the instant awhich the outer boundary of
the leader’s streamer zone contacts the opposite elec-
trode. In the second (final-jump) stage, the streamer
zone reaches the opposite electrode and its length
decreases, while the length of theleader channel grows.
The number density of the streamers in the streamer
zone, the vel ocities of the streamersand leaders (v4 and
v,), and the discharge current i, grow as the streamer
zone contracts (by approximately one order of magni-
tude as compared to its initia length), while the
streamer resistance decreases.

The streamer resistance per unit length is on the
order of 102 Q/m[14]. This meansthat, asthe streamer
crossesthe gap (this stage lasts over 10-20 us), the head
of the streamer looses a galvanic contact with the point
of its origin. The leader resistance per unit length RP_
isabout 10 Q/m [11]. Presumably, the discharge chan-
nel resistance per unit length in the final-jump phase,
RP, is equal to a certain intermediate value between
the streamer and |leader resistances per unit length. The
value of RP: can be estimated from the following con-
siderations: According to the experimental results of
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[13], the development of a discharge in the final-jump
phase depends significantly on the external resistance
Ry, which isincluded in the discharge circuit between
the high-voltage source and the discharge gap. Thus,
under the experimental conditions of [13], the external
resistance R, wasrelatively low (R, < 10° Q), while the
streamer and leader velocities and the current were
Vg =5x10"m/s, v, =10°m/s, and i, = 10 A, respec-
tively, and the duration of the final-jump phase was
shorter than 10 ps. At a sufficiently high external resis-
tance (R, > 10° Q), the final-jump phase can be pro-
longed to a few thousand microseconds, while the
streamer and leader vel ocities and the discharge current
can be reduced to vq = 10°m/s, v = 103 m/s, and i, =
1A, respectively. Therefore, when the discharge circuit
in the final-jump phase becomes disconnected, the
resistance of the streamer zone and the external resis-
tance, which are connected in series, play the role of a
voltage divider. Apparently, at R, < 10° Q, the voltage
is mainly applied to the discharge gap, while at R, >
10° Q, most of the voltageis applied to R,, which leads
to the slowing down of the discharge processes in the
final-jump phase. Taking into account that the length of
the discharge gap in [13] was afew meters, we can use
the following estimate for the average streamer resis-

tance per unit length in the final-jump phase: RPE ~
10 Q/m.

2. MAIN IDEAS AND ASSUMPTIONS
USED IN DEVELOPING A MATHEMATICAL
MODEL FOR DESCRIBING THE ATTRACTION
OF THE LIGHTNING LEADER TO A GROUND
OBJECT

Since the mgjority of lightning leaders transport a
negative charge toward the ground (see, e.g., [15, 16]),
we will further concentrate on negative lightning,
although the model described below can be applied to
positive lightnings as well. According to [17], the
length of the streamer zone during breakdown of along
air gap isapproximately equal to the height from which
the leader beginsto be attracted to the ground el ectrode.
This equally appliesto both positive and negative lead-
ers. The same principle can also be applied to ultra-long
sparks—lightning. According to the available experi-
mental data, the streamer head |ooses agal vanic contact
with the leader due to the high resistance of the rela-
tively cold plasma in the streamer channels, and the
ensemble of streamers produces a streamer zone in
which the electric field distribution is nearly uniform
becausethefield isequalized by the excessive charge of
the numerous streamer heads [13]. We will assume that
the so-called last stroke, i.e., the last stage of the light-
ning leader propagation toward the ground and to the
objects located on it, begins when the streamer zone
reaches them. In essence, the last stroke is the propaga-
tion of the leader channel through the streamer zone in
2005
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thefinal-jump phase. Wewill also assumethat it isfrom
this instant that the lightning leader begins to be
attracted to a ground object that will subsequently be
struck by lightning. By the length of the streamer zone,
we mean the distance from the leader head at which the
streamers stop propagating [11, 18]. During the devel-
opment of a negative leader, the lowest electric field
strength in the streamer zone is approximately equal to

E, = 10 kV/cm; hence, the height of the attraction

zone, which isequal to theinitial length of the streamer
zone in the final-jump phase, is

Ly OU,/EL. ?3)

For a lightning voltage of U,, = 10-100 MV, the
height of the attraction zone is 10—-100 m, which agrees
with the commonly accepted values of this height (see,
e.g., [19)).

Through the ground areas and grounded objects to
which the streamer zone is connected after the begin-
ning of the final-jump phase, the current

ir = U,/(RP:Lg + Ry + Ry) (4

begins to flow. Here, i is the discharge current in the
final-jump phase, RP¢ is the streamer channels' resis-
tance per unit length in the final-jump phase, Ry is the
resistance of the ground part of the lightning rod, R; is
the resistance of the ground area over which the current
spreads, and L isthe length of the streamer zone.

It was pointed out in [13] that, in the final-jump
phase of the leader development in long air gaps, the
leader channels are highly branched. Moreover, several
parallel branches with their own heads can develop
simultaneously. We will assume that, in the final stage
of the lightning propagation toward the ground, severa
leader channels develop concurrently and the return
stroke occurs through the channel that first reaches a
zero-potential node. Taking into account that the diam-
eters of the leader channels are many orders of magni-
tude smaller than their length and the distance between
them, we will ignore the mutual influence of the leaders
through their electric fields.

Since the process of the leader propagation through
the ionized streamer zone is stochastic in character, we
will consider all the possible directions of the leader
propagation. To determine the probability of lightning
strike to a given object, we will consider how a leader
approaches it from different distances in the axia and
azimuthal directions and at different angles with
respect to the vertical axis. The leader can have differ-
entinitial velocitiesin therange v, o= 10°-10°% m/s (see,
e.g., [11]). Sincethevaluesof Ly and v, are determined
by the electric potential of the leader head U,, (see
Egs. (2), (3)), they are mutually dependent. Therefore,
specifying the potential U,,,, we thereby define the val-
ues of Ly and v|,. Let us divide the problem into two
parts—the field and the chain ones—and solve them at
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each time step. Theinitial timein our smulationsisthe
beginning of the final-jump phase, i.e. the instant at
which the streamer zone comes into contact with a
grounded node.

L et usconsider ascenario of the leader development
in one of the possible directions, e.g., along a straight
line directed toward the lightning rod or a protected
object with the spatial coordinates (Xp, Yo Zp). We
denote the initial coordinates of the leader head by (x,
Vi, ). Theinitia distance between the leader and the
given object is

Rpo = f\/(XP_XL)Z + (YP_YL)2 + (ZP_ZL)Z'

Dividing Ry into N parts, we obtain the spatial
step by which the lightning channel propagates in
numerical simulations; Ad, = Ry o/N,. If the leader
velocity remains constant, then the time step is aso
constant,

At = const = Rp /v,
Assuming that the leader propagation is described

by Eq. (2) (i.e., considering accelerated propagation),
we find that the ith time step is equal to

At = [J(Av2(i —1) +8a,ReLo) -2V (i —1)]/2a,,

where v (i — 1) isthe leader velocity at the (i — 1)th and
a, isthe leader acceleration at the ith step.

We can then calculate the distribution of the electric
field at the nth time step t,, = Zi“:lmi, taking into
account aspecific configuration of the leader channel at
this time step. After this, using Eq. (2) and the newly
found potentials and electric field strengths around the
leader head, we can calculate the leader acceleration
a(n) at the nth time step. From thisacceleration, wefind
the new propagation velocity of the leader v(n) and the
new length of the contracted streamer zone Ly(n) =
Lo — NAd,, because the leader had propagated toward
the object by Ad, .

Then, we calculate the circuit. We assume that, in
the final-jump phase, the leader head is connected gal-
vanically to the grounded node through the resistance
R- = RPeL4 of the corresponding streamer from the
streamer zone. In determining the discharge current, it
is necessary to take into account a decrease in R,
because the streamer resistance RP: per unit length is
inversely proportional to the current flowing through it
and Ly decreases as the leader propagates.

According to [20], the dependence of the spark
resistance on the current and time that was proposed by
Rompe and Weitzel was obtained under the assumption
that the internal energy of the discharge is completely
spent on ionization, molecular excitation, and electron
gas heating and that there are no losses for heat conduc-
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tion, radiation, and channel expansion:

RP(i,t) = 1/ /ZaRV/pIizdt, (5)
0

where ag, is a coefficient, equal to 0.8-1.0 atm cm?/sV
for oxygen and nitrogen [20], and p is the pressure.

For a spark current on the order of a few kiloam-
peres or more [20], the expansion of the discharge
channel starts to influence the channel conductivity. In
this case, the dependence RP(i, t) can be described ana-
Iytically according to the Braginskii model [21], further
developedin[22],

t

RP(i, t) = 1/[|<b i%dt}, (6)
0

where k, = (4ntd?/py€)Y3, py isthe density of the gasin
which the discharge occurs, o is the specific conductiv-
ity of the discharge channel (equal to 3 x 102 S/cm for
air), and & isacoefficient (¢ = 4.5) [20].

In deriving Eqg. (6), it was assumed that the channel
conductivity reaches a certain value and then remains
constant, whereas the channel resistance is determined
solely by its expansion. In [23], the following formula,
which generalizes Egs. (5) and (6) for the spark resis-
tance per unit length, was derived:

t d
RP(i, t) = 1/%<{J’iydt} E, (7
O Ly 0
wherek,, y, 0, and C, are parameters, equal to
k, = J2alp, y=2, &=05, (8)
for the Rompe-Weitzel model and
kyo=k,, y=23 d=1 9)
for the Braginskii model.

Therefore, in calculating the streamer resistance in
the final-jump phase by formula (7), we used coeffi-
cients (8) for currents of i < 10% A and coefficients (9)
forip > 10%A.

It was assumed that the lightning leader channel
came into contact with the node if the latter was
touched by the leader channel or if the resistance of the
attached streamer per unit length decreased to

RP; = k.RP,, (10)

where RP, = 10 Q/m is the leader channel resistance
per unit length and kg is a coefficient varying in the
range 1-10. It was assumed in our simulations that
ke = 10.

Condition (10) can be regarded as acriterion for the
transformation of a streamer channel into aleader one,
becauseit isthe low conductivity of the streamer chan-
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nel that ensures the absence of galvanic coupling
between the streamer and the |eader.

In order to describe the lightning attraction to a
grounded object, we will use the minimum time—maxi-
mum probability principle. This principle and its appli-
cation to the problem of lightning protection are well
known (see, e.g., [24]). According to this principle, the
probability of lightning strike to a certain node is
inversely proportional to the time during which the
leader propagates to this node.

The above agorithm was used to calculate the time
t,, that was necessary for aleader channel to reach the
ith nodein the kth version of theleader propagation sce-
nario, which was determined by the value of the initial
radial distance Ly from the lightning rod (or a ground
object) to the leader channel, by the deviation angle a
of the leader from the vertical axis, and by the leader
channel voltage U,,,, which defined the values of Ly and
Vi o- The area S into which lightning was expected to
strike was divided into N regions, each with an area of
SN. It was assumed that the probability density of
lightning strike within the SN area was uniform and
was determined by the probability of lightning strike to
its central node. The values of t;, were calculated for all
N ground nodesto which lightning could strike, and the
minimum time t, = {t;} ., was determined. It was also
assumed that lightning could strike only those M nodes
for which the ratio of the leader propagation time to t,
exceeded unity by no more than & = 0.1. The & value
was determined by the scatter in the average values of
breakdown voltages of a few-meter-long air gaps with
astrongly nonuniform field (see, e.g., [11]). For therest
N — M nodes, the strike probability was assumed to be
negligibly small. Hence, it was assumed that

Pu>0, if Uty =(1-k)1/t,
Uty < (1 —ky) 1/t

where k, = & = 0.1 is acoefficient.

The probability of lightning strike to the ith region
with an area of SN was then determined as

(11)

pi = 0, if (12)

M
Pik = (1/tik)/z (1/15). (13)
i=1

We performed detailed calculations for K different
initial positions of the leader channel relative to agiven
object. The probability of lightning strike to the ith
node was defined using Eq. (13) as

K

pi = z Pi/ K.

k=1

(14)

Therefore, performing calculations by the above
algorithm and using Eq. (14), we could find the proba-
bility of lightning strike to the object under consider-
ation.
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3. EXAMPLES OF NUMERICAL SIMULATIONS
OF THE LIGHTNING LEADER ATTRACTION

An important parameter of lightning protection is
the potential U, that the lightning leader carries to the
ground. The current of the main stroke I, which causes
the strongest damages, is proportional to U ,,. According
to[11], U, dependson |, as

Up=Zol e

Based on the data from [11], we find that the Z,
value lies within the range Z,,,= 800-1200 Q.

Measurements of the lightning current provide
experimental data on the probability distribution of
lightning strikes for a given discharge current. Accord-
ing to [25], the current of negative lightning exceeds
7 kA with a probability of 0.95 and 2 kA with a proba-
bility of 0.995 (this value was obtained using an
approximation). We will use these values when verify-
ing the results of calculations of the radii of the zones
protected by single lightning rods with different inter-
ception probabilities. According to [1], the radius of the
zone protected by a lightning rod of height his R, =
1.1h for an intercept probability of p=0.995 and R, =
1.5hfor p=0.95. Let us use the above algorithm of cal-
culating the probability of lightning strike to different
ground areas around alightning rod to determine R, for
p = 0.995 and 0.95. We consider the most unfavorable
situation, in which the downward leader does not devi-
atesfromthe vertical axis (a = 0°) at the maximum dis-
tance from the lightning rod, Lg = Ry (where Ly isthe
initial radial distance between the lightning rod and the
leader channel). A square grid with amesh size of A =
5 cm, which was chosen to be equal to the average cross
section of the lightning rod, was overlaid on the ground
around the lightning rod. The calculations of the times
during which the leader propagates to all the nodes of
thisgrid at R, = 1.5h showed that, at U,,,= 8 MV (which
corresponded to | ,,= 6-10 kA), the probability of light-
ning strike to the lightning rod was equal to unity,
because the time required for the leader to reach any
other node exceeded t, by afactor of morethan 1.1. For
Ry = 1.6hand U,,= 8 MV, the probability of lightning
strike to the rod was less than unity. Similar calcula-
tions performed for Ry = 1.1hand U,,2 25 MV (I, 2
2-3 kA) gave p,, = 1, whilefor Ry, = 1.2h, we obtained
pu < 1. Therefore, we can conclude that our model
allows one to correctly calculate the radii of the zones
protected by a single lightning rod as functions of the
lightning interception probability.

Figure 1 illustrates the results of numerical calcula-
tions performed using a computer code based on the
abovemodel. In calculations, the height of the lightning
rod was assumed to be h = 10 m and the initial radial
distance from the lightning rod to the lightning leader
was Lg = 15 m. Thefigure showsthe distributions of the
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Fig. 1. Probability distribution of lightning strikes to a rod
and the surrounding ground area for lightning potentials of
Up, = (8) 50 and (b) 3 MV: (1) location of the lightning rod
on the ground, (2) point above which the process of light-
ning leader attraction begins, (3) ground, (4) lightning rod,
and (5) lightning leader.

lightning strike probability around alightning rod,

M
Br = (U (),
2
wheret; is the time during which the leader propagates
to the ith node and M is the number of nodes for which
Ut = (1 - k) L{ti} min-

These probabilities were calculated for all the possi-
ble nodes to which lightning could be attached, includ-
ing those for which the condition 1/t; > (1 — k,) L/{t;} min
was not satisfied. The sum of the reciprocals of the

(15
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leader propagation times for those M nodes for which
Ut = (1 -ky)14{t;} i Was chosen as abasic value in the
denominator of formula (14). Therefore, relative prob-
ability (15) differs from absolute probahilities (11) and
(12) in that no probabilitiesin it are zeroed out. Thisis
done in order to visualize the results obtained and to
simplify their comparison and interpretation.

Figure 1a corresponds to the case where the poten-
tial of thelightning leader isU,,=50 MV, whileFig. 1b
corresponds to the case with U,, = 3 MV. Numerals 1
and 2 in the figure denote the location of the lightning
rod on the ground and the point above which the pro-
cess of lightning leader attraction begins, respectively.
It can be seen that, at U, = 50 MV, the relative proba-
bility of lightning strike to the rod is more than five
times larger than the probability of lightning strike to
the protected ground area. The difference in the proba-

bilities of lightning strike to the rod (py,) and to the

protected ground area (p; ) decreases as the lightning
potentia is decreased to U,,, = 10 MV and lower (see
Fig. 1b). It is assumed that the probability of lightning
striketo the rod in thefirst case (see Fig. 1a) isequal to
unity, because the time during which the lightning
leader propagates to any node located on the ground
exceeds the time during which it propagates to the rod
by more than 10%. In the second case (Fig. 1b), the
time during which the leader propagates to the rod is
somewhat longer (by 6%) than the minimum time
required for the leader to propagate to the ground; this
means that lightning will not strike the rod. The proba-
bility of the occurrence of lightning with a voltage of
U,,= 3 MV (which correspondsto | ,= 2.5-3.75kA) is
0.95 [25]. The 0.995 probability corresponds to the
smaller radius of the zone protected by the lightning
rod: Ry = 1.1h. Therefore, the absence of lightning
strikes to therod for Ry, = 1.5h and U, = 3 MV agrees
with the experimental data cited in the regulations [1].

It can be seen from the results of calculations (see
Fig. 1) that it is rather difficult to intercept a low-volt-
age lightning. A comparison of Fig. 1a and Fig. 1b
showsthat the probability of lightning interception by a
lightning rod decreases with adecrease in the lightning
potential.

The assumption that the attraction of the lightning
leader to a ground object begins after the lightning
streamer zone reaches this object allows us to explain
the large attraction radii (20100 m) of negative light-
nings. Our calculations show that, at such distances
from the ground object to the high-voltage leader chan-
nel, the electromagnetic interaction between them is
negligibly weak. That the leader is remotely controlled
by the ground object can naturally be explained if we
assume that, after the streamer channel contacts the
object, the leading channel (whose resistance changes
nonlinearly as the leader approaches the object and the
discharge current increases) begins to devel op between
them. This assumption, in our opinion, is the only

REZINKINA et al.

explanation of the fact that the downward and upward
leaders meet one another, because their electromag-
netic interaction is negligibly weak due to the small
radius of the zone occupied by the electromagnetic
fields of these thin discharge channels.

CONCLUSIONS

(i) The adequacy of calculating the radius of the
zone protected from negative lightning by a single
lightning rod is confirmed by the agreement between
the results obtained using the model proposed in this
paper and the normalized results obtained for lightning
rodswith heights of lessthan 150 m at two values of the
lightning interception probability.

(ii) The model proposed can be used to perform
comparative calculations for different types of light-
ning rods (e.g., active ones), aswell asto determine the
probability of lightning strikesto ground objects of var-
ious geometric configurations, including those with
heights larger than 150 m.

(iii) The model allows one to explain difficulties
associated with the interception of positive lightning,
whose attraction begins at heights significantly lower
than those for negative lightning.

(iv) The model can be used to determine the dis-
tances between several neighboring lightning rods that
protect a grounded object with a given (including very
high) degree of reliability.
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Abstract—The microstructure of a nanosecond spark discharge in atmospheric-pressure air in uniform and
highly nonuniform electric fieldsis investigated. It is found that an 0.1- to 0.4-mm spark channel consists of a
large number (from 100 to 1000) of 5- to 10-um-diameter microchannel s distributed nearly uniformly over the
channel cross section. The current amplitude in the spark is 1.5-3 kA, and the current density in amicrochannel
is 107 A/cm?. It is shown that the formation of the microstructure cannot be attributed to ionization-heating
instability. The instability of the ionization wave front is suggested as a mechanism for the microstructure for-

mation. © 2005 Pleiades Publishing, Inc.

INTRODUCTION

The problem of the geometric parameters of current
channels (the radii r of streamers and sparks) is being
widely discussed in the literature because the channel
cross-sectional area determines the current density; the
electron temperature; and, therefore, the influence of
the discharge on the gas. These parameters are rather
difficult to measure using optical and electron-optical
methods, which is related to the relatively low integral
resolution of the recording apparatus of high-voltage
devices[1]. It should also be noted that the inner struc-
ture of the current channel can be unresolvable against
the background of the glowing external shell.

It iscommonly accepted that the minimum possible
value of r is limited by the radial ionization expansion
of the channel, which agrees with the results of optical
measurements (r = 0.1 cm) in high-voltage discharges
in air [1]. However, it was shown in [2-4], where a
high-voltage diffuse aperiodic nanosecond discharge
ignited in air between a plane and a parallel wire was
investigated by the autograph method, that the current
channels had arather complicated transverse structure.
It was found that the current channels consisted of 1- to
10-pm-diameter microchannels distributed nearly uni-
formly over the channel cross section. At an average
channel diameter of 3 mm and a current of 10 A, the
number of microchannels reached 1000. Groups of
microchannelswith r < 10 um were also found in a bar-
rier discharge[5].

In the present study, the microstructure of the cur-
rent channel of a nanosecond spark discharge in atmo-
spheric-pressure air in uniform and highly nonuniform
electric fields was investigated by the autographs

method. It was found that, at a spark current of 1.5—
3 kA, the spark channel with adiameter of 0.1-0.4 mm
consisted of a large number of 5- to 10-um-diameter
microchannels.

EXPERIMENTAL SETUP

The experimental setup (see Fig. 1) consisted of a
power supply (PS), discharge gap (DG), and diagnostic
equipment. A 14-cascade Arkad ev—Marx generator
with air dischargers, a storage capacitance of 400 pF,
and an internal resistance of 20 Q [6] was used as a
high-voltage pulse generator (HVPG). With a load
resistance of R=270 Q, the current rise timewas 20 ns
and the voltage pulse amplitude was 200 kV. The
HVPG could provide voltage pulses of both positive
and negative polarity in the discharge gap. One of the
electrodes was powered, while the second one was
grounded through shunt SH.

PS

Fig. 1. Schematic of the experimental setup.

1063-7842/05/5009-1158$26.00 © 2005 Pleiades Publishing, Inc.
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A spark in auniform electric field was produced by
applying negative voltage pulses, whereas that in a
highly nonuniform electric field was produced by
applying both negative and positive voltage pulses.
Gaps with a uniform electric field were formed by two
identical Chang-profile electrodes with a plane-surface
diameter of 15 mm, maximum diameter of 40 mm, and
height of 20 mm. Gaps with lengths of d =3 and 5 mm
were used. To reliably record the current channel
imprints, the electrodes were made of bismuth, which
has arelatively low sublimation energy.

To study the spark channel structurein ahighly non-
uniform electric field, a point—plane gap with alength
of d = 3.5 cm was used. The diameter of the plane cop-
per electrode was 9.5 cm. The point electrode with a
length of 7 cm, diameter of 7 mm, vertex angle of 20°,
and tip curvature radius of 0.2 mm was made of alumi-
num alloy. A 10-um aluminum foil was used to record
the channel microstructure. Thefoil was set on adielec-
tric ring, which was installed in the middle of the dis-
charge gap, in parallel to the plane electrode.

The voltage U across the discharge gap was mea-
sured using screened resistive divider D and the current
| was measured using low-inductive coaxial shunt SH.
The voltage and current signals were recorded by adig-
ital oscilloscope with a bandwidth of 500 MHz.

In each shot, we photographed the spark and its
imprints on the electrode surfaces. A side view of the
spark was taken by a digital camera installed at a dis-
tance of 0.5 m from the gap. The imprints of the current
channels on the electrodes were photographed by a
microscope with a 15-fold magnification and 5-um res-
olution.

EXPERIMENTAL RESULTS

Typical voltage and current waveforms of a spark
discharge produced in auniform 3-mm gap and the cor-
responding photographs of the spark and itsimprint are
presented in Figs. 2—4. The amplitude of the discharge
voltage was 25 kV, the current rise time (including
prepulse) was 15 ns, and the current amplitude was
3 kA. The prepulse at the front of the voltage pulseis
associated with the specific features of HVPG opera-
tion and is presumably related to the nonsimultaneous
action of the dischargers.

The diameter of the discharge imprint on the
grounded electrode is A = 0.4 mm. It can be seen that
the spark possesses an internal microstructure in the
form of an ensemble of 5- to 10-um diameter micro-
channels distributed nearly uniformly over the channel
cross section. In the central part of the imprint, the
metal is melted and the individual microchannels
merge into craters with diameters of 20-30 um. The
total number of microchannelsis N = 600-900. A sim-
ilar picture was also observed on the powered elec-
trode.
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Fig. 2. Photograph of the dischargein auniform eectric field.
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Fig. 3. Waveforms of the discharge voltage and current in
the case of auniform electric field.

Fig. 4. Imprint of a spark on the grounded electrode in the
case of auniform electric field.

For d = 5 mm, we also observed microstructured
spark imprints with a diameter of A = 0.4 mm on both
electrodes. However, because of the stronger melting of
the electrode surface, the picture was fuzzier and the
microchannels in the central part of the imprints
merged into 20- to 100-um-diameter craters. Neverthe-
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Fig. 5. Waveforms of the discharge voltage and current in
the case of a highly nonuniform electric field.

less, individual microchannelswith diameters of A, =
5-10 um could still be distinguished at the periphery.
The estimated discharge energy for d =3 and 5 mm was
0.16 and 0.18 J, respectively. This indicates that the
stronger electrode melting in the second case is appar-
ently aresult of the larger energy deposition.

Assuming that the microstructure exists at the
instant of the maximum current | and that the current is
uniformity distributed between microchannels, we
obtain the following estimate for the average current
density 0),;cLin microchannels:

41

————— = 10" Alen?’,
T[N(Amic)

|:jmic]:| =

which significantly exceeds the previously observed
values [7]. The above [,,.dvalue is apparently the
lower estimate because the minimum microchannel
diameter A, observed in our experiments was deter-
mined by the microscope resolution and the average
value of A can be even smaller.

Typical voltage and current waveforms of a spark
discharge produced in a highly nonuniform field are
shown in Fig. 5. Both for the positive and negative
polarity, the spark developed from the point electrode
to the central part of thefoil and then from thefoil edge
to the grounded electrode.

Visualy, there was only one spark channel; how-
ever, onthefoil sidefacing the point el ectrode, imprints
of two to five closely spaced 0.1- to 0.3-mm-diameter
channels were observed. Within these channels, there
were imprints of nearly uniformly distributed micro-
channels with an average diameter of 5 ym. The aver-
age density of microchannels was 7.8 x 10° mm=.
Through holes were sometimes observed in the foil
instead of the channel imprints. No influence of the
electrode polarity on the electrical and spatial charac-
teristics of adischarge was detected.

PERMINOV, TREN’KIN

DISCUSSION

It is well known that the microstructure of arc and
high-current diffuse dischargesisrelated to the nonuni-
formity of heat release in the current channel. The
microstructure forms at t = 100 ns after applying the
discharge voltage. For example, when investigating
high-current diffuse dischargesin argon [8], the forma:
tion of numerous filaments with diameters of ~100 um
was observed at t = 100 nsin an initially uniform dis-
charge. It was shown that the formation of the micro-
structure was related to the onset of ionization—heating
instability.

Since the discharge duration in our experiments is
very short (<100 ns), the formation of the observed
microstructure cannot be attributed to the contraction of
the plasma channel due to the onset of ionization-heat-
ing instahility. Let us estimate the time t; required for
the onset of instability under our experimental condi-
tions. According to [9], we have

¢ = Yy=1p
I JE 1
wherey isthe adiabatic exponent, p = 10° Paisthe pres-

sure, j is the current density, and E is the electric field
strength.

Assuming y = 1.22 as a lower estimate, we obtain
t; = 10°s, which ismuch longer than the entire duration
of the gas discharge.

It is more logical to assume that, in this case, the
microstructure forms as aresult of theinstability of the
ionization wave front [4, 10, 11] during either the
bridging of the gap or the propagation of the return
wave. The length of the avalanche-streamer transition
under our experimental conditionsisz, <d; i.e., break-
down is of the streamer type. Let us find a lower esti-
mate for the time t, during which the gap is bridged,
assuming that the length of auniform gapisd =5 mm
and the breakdown occurs due to the propagation of
strong streamer ionization waves (in this case, the prop-
agation velocity of the ionization wave is maximal and
reaches v ~ 10° cm/s). As aresult, we obtain t, ~ d/v =
5 x 1071° s. The time during which the instability of the
ionization wave front developsist; ~ A/UE [10], where
A isthe characteristic spatial scale of perturbations, 1 is
the electron mobility, and E isthe average electric field
inthe gap by theinstant of breakdown. Substituting A =
10-3 cminto thisexpression, we obtaint; ~ 10*' s. Note
that thefield E causing instability near the channel head
is much higher than the average field in the gap; there-
fore, the above value of t; should be considered an
upper estimate. Thus, we havet; < t., which meansthat
the instability of the ionization wave front can lead to
the formation of a microstructure. The fact that the
microchannel diameters are close to each other in our
case too suggests the unique mechanism of microstruc-
ture formation.

No. 9
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Micron-diameter current channels can exist only if
the gap is bridged very rapidly, so that the microchan-
nels heads have no time to overlap, and, on the other
hand, if the radial ionization expansion of the micro-
channels is absent. The latter can be explained as fol-
lows: The radia field between microchannels (both
within a group of microchannels and outside it) is a
superposition of the fields of alarge number of nearly
identically charged microchannels. In this case, the
field strength at the boundary of the channel is deter-
mined by its diameter, whereas inside the channel, the
field is weakened [12].

CONCLUSIONS

The microstructure of ananosecond spark discharge
in uniform and highly nonuniform electric fields has
been investigated. It is shown that the formation of the
microstructure cannot be attributed to ionization—heat-
ing instability. The instability of the ionization wave
front is suggested as a mechanism for the microstruc-
ture formation. Micron-diameter channels can exist
only if thegap isbridged very rapidly, so that the micro-
channels heads have no time to overlap, and, on the
other hand, if the radial ionization expansion of the
microchannelsis absent because of the superposition of
thefields of alarge number of microchannels. The pres-
ence of amicrostructure in spark, high-voltage diffuse,
and barrier discharges allows us to suggest that the
complicated structure of the current channel is a com-
mon feature of high-voltage nanosecond discharges.
We believe that the results obtained will stimulate fur-
ther investigations (both fundamental and applied) of
this phenomenon.
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Abstract—A study of the bulk resistivity and permittivity of several insulator—conductor macrosystems versus
the conducting component concentration and temperature has revealed an anomalous concentration range. A
qualitative model accounting for these dependences on the basis of the percolation and fractal theoriesis pro-

posed. © 2005 Pleiades Publishing, Inc.

INTRODUCTION

At the present time, investigation into the electro-
physical properties of composite materialsis becoming
more and more important [1-4] in materials science.
Development of advanced materials with unique prop-
erties and their related devices has become possible
owing to the breakthrough in the physics of disordered
systems. It has been demonstrated in many studies[1-9]
that insulator —conductor composites may offer intrigu-
ing properties near the percolation threshold. The
search for materials with such properties and their
application in practice is a chalenging problem in
materials science. A considerable variation in the con-
ductivity, temperature resistance coefficient, and other
properties, which is observed near the percolation tran-
sition, makes it possible to produce materials with dif-
ferent properties with the same technology [1] by
slightly varying one of the components. For example, a
wide variety of commercia self-recovery fuses for
electrical setups has been designed based on polymer—
conductor composites [4]. However, little is known
about the dependence of the electrophysical parameters
of a macrosystem on the conducting component con-
centration in model systems that are appropriate for
analysis of processesin electronics[1, 5]. In addition,
somefeatures of real physical systems (for instance, the
contact resistance between particles in a conductor,
etc.) considerably distinguish them from ideal mathe-
matical models. Therefore, a detailed look at real pro-
cessesisrequired [5-8].

The aim of this study is to experimentally investi-
gate the bulk resistivity and permittivity versusthe con-
ducting component volume concentration and tempera-
ture in insul ator—conductor macrosystems.

EXPERIMENTAL

As model systemsto study the conductivity of mac-
roscopically disordered systems, we used a paraffin—

conductor system. Aswas shown in [5], the most appro-
priate materials for investigating macrosystems are
low-melting insul ators paraffin and ceresin, which have
ahighresistivity, are easy to mold and chemically inac-
tive relative to the majority of metals and semiconduc-
tors [9-11], etc. Moreover, their linear and volumetric
expansion coefficients differ significantly from those of
conductors[12], which makesit possibleto appreciably
change the volume of the matrix at a relatively small
temperature variation. P1 solid oil paraffin was used as
an insulating matrix. The resistivity of the paraffin was
found to be p = 1 x 10'°° Q m[5]. When choosing con-
ducting components, we were guided by the following
considerations.

(1) The conductors must form a series of substances
with different resistivities. In systems with different
resistivities, conducting chains (fractals) formin differ-
ent way, which provides additional information on their
structure and interaction.

(2) Some of the conductors must be uniform in
properties and be free of oxide overlayers. Other con-
ductors, on the contrary, must have acomplex structure
and be covered by oxides of different resistivity in order
that the particle—particle contact resistance in the sys-
tem under consideration be varied [8].

(3) The conductors must have both a negative (asin
paraffin [5, 12]) and a positive temperature resistance
coefficient (TRC).

Using afiller with varied properties, one can draw a
conclusion (by comparing the electrophysical proper-
ties of the composites) about the structure of the con-
ducting chainsin it. In view of the above requirements,
graphite, iron, and aluminum particles were employed
as conducting inclusions. The materials chosen were
thefollowing: thermographite (S-1 dry colloidal graph-
ite with amain particle size of 4 x 106 m), pure-grade
iron (@main particle size of 6 x 10 m), and pure-grade
aluminum (a main particle size of 10 x 10° m after

1063-7842/05/5009-1162$26.00 © 2005 Pleiades Publishing, Inc.
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screening). From the standpoint of minimizing the con-
tact resistance, graphite as a conducting component has
a number of advantages over metals [5]. Since carbon
oxides are gases, one can ignore the formation of oxide
films on the particles no matter what the production
technology of graphite. Resistivities p of surface oxide
layers were taken to be equal to 1 x 10° Q m for iron
particles and 1 x 10°° Q m for aluminum particles[8].
For carbon, iron, and aluminum, TRC a wastaken to be
equal toa =-2x 104K, +4.2 x 102 KL, and +6.51 x
103 K-1[12], respectively. Thus, three composites (par-
affin—graphite, paraffin-iron, and paraffin—auminum)
were analyzed. These composites are listed in order of
increasing particle—particle contact resistance in the
conductor [8]. Prior to preparation of the composites,
the iron-containing samples were demagnetized by the
standard methods. The mixer and other facilitiesin con-
tact with the composites were made of nonmagnetic
materials. Preparation of the samples was described in
detail elsewhere [5-8]. The sample to be studied repre-
sented a capacitor with plates made of electrolytic cop-
per. The capacitor was filled with a mixture of paraffin
and conducting particlesin a certain concentration. The
samples were prepared so as, on the one hand, to pre-
vent intense evaporation of the paraffin (which isinev-
itable at long-term mixing and ahigh temperature of the
melt) and, on the other hand, to provide the reproduc-
ibility of the electrophysical parameters for most of the
sampleswith the same concentration. The sampleswith
the same concentration of the conducting component
exhibited a spread (3-5%) in the electrical parameters,
such as resistivity, capacitance, and figure of merit. No
less than five samples with a given concentration of the
conducting component in the composite were prepared.
The concentration of the conducting component was
changed in 5 wt% intervals and then was converted to
volume percent. Heating of the samplesin athermostat
with an averagerate of 1.7 x 103 K/swas accompanied
by measurement of the electrophysical parameters.
The dc resistivity of the samples was measured by
the standard two-probe technique. The capacitance and
figure of merit were measured at a frequency of 1 kHz
using the standard bridge. We took the dependences
C=1(T) and Q = f(T), where C and Q are the capaci-
tance and figure of merit of the capacitorswith different
conductor concentrations. On the basis of these data,
the temperature dependence of imaginary part €" of the
permittivity (i.e., loge" = f(T), wheree = €' + j&" [9])
were calculated. The TRC was determined as follows:

_ 10p
o = paTK [9].

RESULTS
The results of our investigation are presented in
Figs. 1-3. Figure 1 shows the dependence logp =f(T)
for the paraffin-iron system. The dependences logp =
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Fig. 1. Temperature dependence of the logarithm of the bulk
resistivity: (1) Paraffin and paraffin-iron composites with
an iron content of (2) 21, (3) 31, (4) 60, and (5) 79 vol%.

f(T) and loge' = f(T) for the paraffin—graphite and par-
affinHiron systems are similar in many ways, although
they have certain features of their own, which will be
discussed below. As an example, let us analyze the
results obtained for the paraffin-iron composite. Asis
seen from Fig. 1 (curve 1), the resistivity of pure paraf-
fin dropswith increasing temperature. In materialswith
amolecular lattice (including paraffin [9, 12]), the con-
ductivity issmall and is governed largely by impurities
[9]. The decrease in the resistivity with increasing tem-
perature can be explained by the presence of ionized
impurities. The curves logp = f(T) do not have kinks
up to the melting point. Thisfact indicates that the con-
ductivity in the temperature range considered does not
turn into the intrinsic conductivity. Up to conducting
components concentrations of approximately x<
0.314, the behavior of the curves for the paraffin-iron
composite changes insignificantly. However, in the
range 0.314 < x < 0.603, the run of the curves logp =
f(T) (Fig. 1, curves 3 and 4 for the paraffin—ron system)
changes sharply. The sign of the TRC (i.e., the slopes of
the curves) becomes opposite. The same behavior, but
for 0.066 < x < 0.29, is observed in the paraffin—graph-



1164 SOTSKOV
logp [Q m]; loge" loge"
10 6F
5
Ml |
gL 5
I e e e 2
3 4F
6 -
4
3 -
4 -
2L
2+
1+
WWW 6
0 1 h 1 1 1 1 4| 0 | i 3
W“"““*Mﬂ5 o L _gave 2
) I I I I I I I 1t il cssoerte [
290 295 300 305 310 315 320 32
T,K
) 1 I I I
290 300 310 320 330
T,K

Fig. 2. Temperature dependence of thelogarithm of the bulk
resistivity for the paraffin~aluminum composite with an
auminum content of (1) 36, (2) 25, and (3) 92 vol%. (4-6)
Temperature dependence of the logarithm of the imaginary
part of the permittivity for the same concentrations.

ite system. Here, at conductor concentrations x > 0.29,
the TRC becomes negative again. For the paraffin-iron
composite, the resistivity and TRC of the composite
tend toward those of iron with increasing conductor
concentration. It should be noted that, in anomalous
regions, the TRC may be very high both at certain tem-
peratures and throughout the temperature range. For
example, at T =313 K, a = +2.1 K1 (x = 0.108) in the
paraffin—graphite system and a = +1.4 K= (x = 0.31)
for the paraffin-iron system. For the former system, the
same was observed earlier in [8], which validates the
results obtained in thiswork. The TRC of the paraffin—
graphite system isgreater than that for the paraffin—iron
one, all other things being equal. The curves logp =
f(T) for the paraffin-aluminum system (Fig. 2,
curves 1-3) behave in aradically different way: these
are straight lines decreasing monotonically with an
increase in both temperature and concentration. The
TRC of the paraffin—aluminum system is negative and
differs little from that of paraffin. As is known [9],
parameter €" characterizes losses in the measuring cell
(capacitor). These losses may include relaxation and
conductivity losses. Asis seen from curve 1 in Fig. 3,
the relaxation losses in pure paraffin are comparatively
low. The losses (i.e, €") increase largely with an
increase in the conductor concentration. For example,
the behavior of curves2-5in Fig. 3 can be explained by
increasing losses due to the conductivity of the com-
posite. In the anomal ous range, the dependence loge" =

Fig. 3. Temperature dependence of the logarithm of the
imaginary part of the permittivity. (1) Paraffin and paraffin—
iron composites with an iron content of (2) 21, (3) 31,
(4) 60, and (5) 79 vol%.

f(T) isrepresented by descending curves 3 and 4. Thus,
for conducting component concentrations in the range
0.066 < x < 0.29, the lossesin the paraffin—graphite and
paraffin-iron systems decrease with increasing temper-
ature. For the paraffin-aluminum composite (Fig. 2,
curves 4-6), the temperature dependenceloge” =1(T) is
insignificant; for this system, the concentration depen-
dence is much more essential.

DISCUSSION

The appearance of the anomalous concentration
ranges cannot be explained by the properties of the
individual components involved: paraffin or conductor
(graphite, iron, and aluminum). Their presence is aso
independent of the sign of the TRC of the conductor:
these ranges are observed both in graphite (having a
negative TRC) andiniron (positive TRC). Moreover, in
aluminum with a positive TRC, these ranges are absent
at al. Moreover, the above values of the TRC (a =
+2.1 K at x = 0.108 in the paraffin—graphite system
anda =+1.4Kat x=0.31 for the paraffin-iron system
at T = 313 K) found experimentally differ much from
the value of the TRC for graphite and iron. Since paraf-
fin is a saturated hydrocarbon and the sample tempera-
ture in the process of preparation did not exceed 55°C,
no intermediates can appear in the systems under inves-
tigation [5, 10, 11]. The only regularity that can be
traced in the data obtained is a correlation between the
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existence of the anomalous range (and its associated
value of the TRC) and the particle—particle contact
resistancein the conductor. In[8], it was shown that the
contact resistance in the composites studied increases
in the order paraffin—graphite, paraffin-iron, and paraf-
fin—aluminum. One can assume that the effect observed
may be associated with the specific structure and spe-
cific properties of composite’'s conducting fractal
chains in the anomalous range. Since the contact resis-
tance between particles in graphite is the lowest, this
anomalous effect in the paraffin—graphite system is the
highest. The highest contact resistance is between au-
minum particles, accordingly, the effect is totaly
absent. The difference between the concentrations at
which the anomalous ranges exist in the paraffin—
graphite and paraffin-iron systems can also be
explained by different contact resistances between par-
ticlesin the conductor. Iron particles are covered by an
oxide layer. Therefore, a higher concentration of these
particlesis required if a structure similar in conductiv-
ity to the graphite structure is to form [8, 13]. It was
assumed [13] that, in the paraffin—graphite system,
TRC sign reversal with increasing temperature is
caused by the formation of non-self-similar fractals.
The emergence of larger fractals (d > 55 um) with a
more developed surface may change the electrophysi-
cal properties of the paraffin—graphite system (in partic-
ular, the sign and behavior of the TRC). One can sup-
pose that the structure of conducting chains in the
anomalous rangeis such that an increase in the temper-
ature of the composite breaksthefractal continuity (rel-
ative shear). Such processes disturb the general fracta
structure: the number of “red” edges and, accordingly,
theresistivity grow. The measurements of theresistivity
and of theimaginary part of the permittivity are consis-
tent with each other, because losses in a composite are
due to electric conduction and quantity €" drops with
increasing temperature and resistance. Outside the
anomal ous concentration ranges mentioned above, the
structure of conducting chains is such that, at low con-
centrations, relative shear or disconnection of the
chains affects the conductivity of the composite insig-
nificantly, since the number of long conducting chains
is still small. Once the upper limit of the anomalous
concentration range is exceeded, disconnection or rela
tive shear of one chains close other ones, sincethe num-
ber of fractalsis aready large and the average number
of red and blue edges changes insignificantly.
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CONCLUSIONS

(1) The bulk conductivity and permittivity in the
paraffin—graphite, paraffin-iron, and paraffin—alumi-
num macrosystems were experimentally investigated
as afunction of the volume concentration of a conduct-
ing component and temperature.

(2) For the paraffin—graphite and paraffin—ron com-
posites, the anomal ous conductor concentration ranges,
0.066 < x < 0.29 and 0.314 < x < 0.603, respectively,
were found. Within these ranges, the TRC of the com-
posites either varies or takes anomalously high values,
which are untypical of the constituents. In the paraffin—
aluminum composite, such ranges are absent.

(3) A qualitative model explaining the observations
in terms of the percolation and fractal theories is sug-
gested.
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Abstract—The infinite conductivity limit in the classical skin effect in metals is considered. The analysisis
carried out with and without taking into account the influence of free electron relaxation, aswell aslocal rela
tionships between the electric field and current density, in the free electron model. Both ultimately nonlocal and
real limits are considered for the indefinitely increasing free path. © 2005 Pleiades Publishing, Inc.

In this paper, we consider limiting processes as
applied to the skin effect in metals when the metal con-
ductivity tends to infinity. The metal is assumed to be
isotropic, linear, and homogenous. Consider first the
simple case of the classical skin effect, which is
observed at room temperature in normal (nonsupercon-
ducting) metals. Let an electromagnetic radiation with
frequency w be incident on flat surface S of the metal
occupying the half-space. We shall further assume that
thetypical range of electromagnetic field variation over
the surface far exceeds the depth of field penetration
into the metal, and so the field at a given point can be
considered as uniform and depending on only the coor-
dinate normal to the metal surface.

The Cartesian coordinate system is taken such that
itsorigin is at the metal boundary, the z axisis directed
along normal n inward to the metal, and they and x axes
lie in the metal plane. Without loss of generdlity, we
assume that the field is linearly polarized and the x and
y axes are aligned with electric field vector E and mag-
netic field vector H, respectively. In the case at hand
(room temperature), current density j and electric field
E arelocaly related asj = oE (Ohm'slaw), where g is
the metal conductivity, at any point of the metal. From
the Maxwell equations and Ohm'’s law, the solution to
the problem of the skin effect has the form
E = E, = ZH(0)e "™,

H = H, = H(O)e’ o

I(x)

Z = iWHeOom = T
Here, Z = E(0)/H(0) = R + iX is the surface impedance
of the metal; ., is the complex penetration depth in
the classical skin effect [1]; and R and X are the surface
resistance and reactance, respectively.

If one considersthe classical skin effect and letsthe
conductivity tend to infinity (o — ), relationships (1)
yield in the limit the ideal boundary condition
Etan|s =0 and surface impedance Z vanishes. In this

limit, the electromagnetic field does not penetrate into
the metal but the behavior of tangential components

H., and E,,, isdifferent if we put H(0) = const. The z
dependences of the magnitudes of E and H ~

exp(-z/d4), where &y = ,/2/w,0 isthe classical pen-
etration depth, are shown in Figs. 1a and 1b for three
values of conductivity o3> 0, > 6;. Asthe conductivity
increases, the magnetic field, remaining constant in
magnitude at the boundary (if we assume that the mag-
netic field of the wave incident on the metal is constant,
the magnetic field on the surface will change only
dlightly and tend to a certain constant limit), is forced
out of the conductor and concentrates in a narrow sur-
face layer. Unlike the magnetic field, the electric field
decreases with increasing ¢ and vanishes at the metal
surface in the limit 0 — co.

In the limiting process considered, the relaxation of
conductivity electrons is disregarded. According to the
free electron model [1], the dc conductivity is given by
o = ne’t/m, where T = |/Vg; n is the volume €electron
density; e, m, and | are the electron charge, mass, and
free path, respectively; 1 is the relaxation time; and V¢
is the electron velocity at the Fermi surface. For the
electromagnetic field harmonically varying with time,
inclusion of relaxation leads to relationships (1) where
o is changed to /(1 + iwT), with the condition 0 —
oo being reduced to the condition | —= co. With thisin
mind, we obtain from (1)

2 _l+iot_ m i
N [N 1) WO

)

Hone”
It thenfollowsthat, at | —» oo, the complex penetra-

tion depth tends to real value &, = A/m/uonlz , Where 9,

is the plasma penetration depth. In this case, the elec-
tromagnetic field penetrates into metal to afinite depth
and the limiting process results in superconductivity

with j and E locally related asj = E/ioopoéé. In this
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nondissipative limit, the surfaceimpedance at the metal
boundary isequal to purely imaginary value Z = iwpyd,.

Above, the relationship between the current density
and electric field was assumed to be local; i.e., the cur-
rent density at any metal point is determined by the
electric field at this point. Since the current density at a
point inside the metal depends on the electric field
within adomain about the free path in size, Ohm’'s law
will apply if the free path is small compared with skin
depth &y, over which the field changes appreciably. As
| increases, the depth of penetration into the metal
decreases; consequently, | may become equal to, or
even much larger than, &4 (by the skin depth, we will
mean the quantity &4 = Red.,, [1]). Then, the local
relationship j = oE isinvalid and, when considering the
limiting process, should be changed to the general rela-
tionship, which is fulfilled for metals at low tempera-
tures [2]. In the free electron model, the z dependence
of the electric field can be expressed as[1, 3]

2i (opOH (0) coskzdk

E(2) = Ik + |wpoQ(k) )
where
d(K) = ZHCEE[(1+(kE) yarctan(KE) —ke]
)’ @
E' = I = ;
l1+iwT 471 60 o O &

Here, O.om; = ((1 + iwT)/iwp,o)Y? is the complex pene-
tration depth under the assumption that the local rela-
tionshipj = oE/(1 + iwT) isfulfilled in the metal. Later
on, we consider the microwave range (i.e., the maxi-
mum frequency is limited by several hundreds of giga-
hertz), which is of most interest. Then, for high |, quan-
tity || will approach the value V/w, which is much
higher than skin depth d. In this case, the resultsin the
limit |§] — oo approach those obtained in the real
physical limit | —» oo. (Note that, in the formal limit

=1/(1+iwT) —= oo, quantities| and a = w1 should be
considered as independent and quantity | should be
regarded asinfinitely high, at least of higher order than
parameter a = wT.) In [2], the limiting process |§| —
oo Was studied at a = 0 and & = |. This limit has been
called the anomal ous limit.

Let us find areationship for surface impedance Z,,
in the anomalous limit. An expression for surface
impedance Z = E(0)/H(0) isfound from (3) at z=0,

2IOJ|JO dk

‘= Ik +|oopOQ(k)

©)

Passing to the limit & — o, Re& > 0, in the inte-
grand in (5) and taking into account that 6§0m_|E isa
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constant value independent of free path | and iwpofz (K

tends to 317482, £k, as follows from (4), we recast
Eqg. (5) as

2|oouO kdk

31
Ik +|B

2821

(6)

The integral in expression (6) is reduced to the tab-
ulated one by changing the variable to k3 [4, integral
no. 5 in p. 298]; hence, the surface impedance in the
anomalous limit is given by

Z 200“0 —1/3

00 3/\/5
The anomalous limit § — o is physically unjusti-
fied, because quantity a also tendsto infinity at | —» oo

(0 — o) and & tends to a high but finite value, &, =
—iVi/w, in the frequency range considered. In thislimit,

(1+i43). (7)
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surface impedance Z can be conveniently approximated
asfollows. Intheexpansion of Q (K) at large&, weleave

theterm iwpy Q (k) = iB(/k — 4/k?Tt€). After integration
in Eq. (5), the surface impedance can be represented in
the form

— _ 2,\/23.5@
Z=272,+2, = Z“%HTE:D’ (®)
where 8, = Z,/iw|y, isthe complex penetration depthin
the anomalous limit. Note that the inaccuracy in repre-

sentation of Q (K) at |€k| < 1 is described by terms of a
higher order of smallness.

Thus, in the limit of infinitely long free path |, the
value of the surface impedance in the anomalous limit
isaugmented by asmall correction of order |3,/¢..| < 1
in the frequency range considered.

Note that the same case of large | was analyzed in
[5] when surface reactance X = ImZ was considered in
the microwave range. The value of X; = ImZ;, which
depends on the magnetic field energy and the kinetic
energy of charge carriers, isresponsible for an addition
to thefield inductancein theanomaouslimit L., = X /w
and for asmall kinetic inductance.

The previous consideration was concerned with the
microwave range, where the results are closeto thosein
the anomalous limit. However, at high frequencies, wt
may be equal to, or even far exceed, unity. Although the
free path may be infinitely large in this case, the value
of |&| will increase only dlightly. Quantity &, will take a
finite value, and the results will be other than those in
the anomalous limit. For high wt at room temperature,
the results in the limit | — oo will approach those for
the local case || < Oy (see (2)).

Let us consider losses in the anomalous limit using
the technique used in [1] for current density calcula
tion. We introduce the local spherical coordinate sys-
tem at arbitrary point z inside the metal. Proceeding
similarly to [1], for component j, of the current density
that is due to electrons moving through this point in the
solid angle between directions @, and T — © (O, <

02), we can write j, = ﬁ:Ql(z — 7)E(2)dZ with the
kernel
Q.(z-2)

= TICe I %—ulgexp(—lz—z'lulé)du,

9)

1/cosQ,

which coincides with the volume kernel at ©, = 0.
Then, using Eq. (3), one derives a relationship for
part j; of the current density and passes to the limit
& — oo, as was demonstrated above in the derivation
of Z,,. For any angle ©,, the limiting process yields for
j1 the same relationship as for the total current density

SPITSYN

(©, = 0).Thus, in the anomalous limit, the electrons
moving parallel to the flat surface of the metal contrib-
ute to the current density and losses at any point inside
the metal. This is in accordance with the Pippard con-
cept of inefficiency [1].

Now let us consider the local loss distribution in the
anomalouslimit. From Eq. (3) and arelationship for the
current density that results from Eq. (3) by introducing

factor Q (k) under the integral sign and passing to the
limit § — oo (as was done in the derivation of surface
impedance Z,), we arrive at the following distributions
of the electric field and current density in the anoma-
lous limit:

_ ZiwpoH(O)wkcoskz

E(2) dk,
n K +ip
. (10)
. _ 2iBH(0) » coskz
j(2) = - J’ks_l_ink.
0

Thefina relationshipsfor E and j interms of special
functions can be found by the technique used in [6] for
the anomalous limit in superconductors. Let arelation-
ship between j and E for thefields harmonically varying
at point z be written in the form j(2) = o(2E(2), where
0(2) = 0x(2) +i0,(2) isthelocal complex conductivity.
Then, the volume density of the active power (trans-
ferred to electrons or, on the contrary, to the electro-
magnetic field) is

e | 2
2Re(j*E) = 304(2)IE".

The dependence of dimensionless quantity 0y =

wHB?3Rec(z) on dimensionless coordinate z = 2313
calculated by (10) isshowninFig. 2. Thecurve og(2) is
seen to be nonmonotone. When moving, electrons
interact with the electric field, transferring the energy
from one regions of the metal to others [1]. Because of
electron—metal ion collisions, the electron momenta
diminish, causing energy dissipation (this holds true in
the limit § —» oo t00). These factors have an influence
on the current density and electromagnetic field pat-
ternsinside the metal.

The dependence ox(2) implies that regions exist
inside the metal where o, < 0. This is because, in the
self-consistent field, there are regions in the meta
where the period-averaged energy is transferred to the
field (the electromagnetic field is “ generated” at points
with o < 0). Through the boundaries of such aregion,
the mean electromagnetic energy flux is radiated to
other regions of the metal. The total power transferred

to the current, or|E[PdZ/2, is equal to the total loss

power, R,|H(0)[%/2 (R, = ReZ,), inside metal, which is
converted to heat.
TECHNICAL PHYSICS Vol. 50
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In conclusion, wewill turn to thefield distribution at
high but finite values of &, |€| > d4. In the anomalous
limit & — oo, differentiating E(Z) given by (10) by
parts yields amain asymptote at z > dgy,

_ _81/3 E(0)
=" o sy

At |&] > O, thefield structure differslittle from that
inanomalous limit aslong asz < |§| and meets Eq. (11)
far away from the surface. At z> |§|, Eqg. (10) failsin
describing the electromagnetic field. Between these
two ranges, thereliesan intermediate (transition) range.
Themain asymptoteat z> | for thecasea=wt=0was
found in [2]. We will find a main asymptote in the gen-
eral case for wt# 0 and finite §.

Let us take the limits of integration in relationship
(3) for E(2) from —oo to +o0 and substitute exp(ikz)/2 for
coskz. Next, we take the segment of the real axis
between —R, and +R,, encloseit by acircle of radius R,

(11)
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in the upper half-plane, and make a cut at the logarith-
mic branch point along the ray from i/ to «i/¢. The
relationship for E(z) can now be found with the residue
theorem through residues at the poles and integrals
along the banks of the cut. Under the anomal ous condi-
tions, the integrals along the banks of cut make amajor
contribution at large z. Changing the variable to &k/i
and making transformations similar to those made in
[2], we cometo an expression for E(2) at z> |§|,

0 280nd 8. ™
E(z) = -AE(0O)[1-= 11 ,
= ( )D 3 &% DOom(2/8.,,)°

(12)

81./3m

64

In the limit |§] > |8,m,|, the complex penetration
depth is Oy, = O,. In this case, we have E(2) =
—-AE(0)exp(-z/§)/(Z/d,,)%. Inthelimit] —» o0, & —= &,

A =
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Abstract—The following three ternary PZT-based systems are studied in detail: 0.98Pb(Ti,Zr; _,)Ox—

0.02Pb(Nby/,Bi1/5) O3,

098( Pb0.9727er.0273) (TI erl - X) 03_0 OZPb(N b]./ZBi JJZ) 03

+ 1 wt% PbO, and

0.98(Pbg.97575r0.0273) (TixZr1 _ ) O3—0.02Pb(Nb;/,Bi1/5) O3 + 2 wt % PbGeO3, where 0.45 < x < 0.49 and the con-
centration step is Ax = 0.025. A number of concepts are formulated regarding the phase diagrams of PZT-type
systems near the morphotropic transition. A scheme for real tetragonal-rhombohedral transformation is given.
The maxima of the electrophysical characteristics of the solid solutions from the morphotropic range are shown
to be caused mainly by an appearing intermediate phase. Analysis of the insulating, piezoelectric, and mechan-
ical properties of the samples demonstrates that there is a group of solid solutions that are promising materials
for high-temperature piezoel ectric devices operating in the medium-frequency band. © 2005 Pleiades Publish-

ing, Inc.

INTRODUCTION

Most applications of piezoelectric ceramics, the
radio and telecommunication industry, nondestructive
control and diagnostics, hydroacoustics, the automotive
industry, shipbuilding, the aircraft industry, and medi-
cal and household appliances are based on traditional
compositionsincluding PZT. There is a constant stimu-
lus to search for more efficient materials for specific
applications, which is caused by new piezotechnical
problems appearing in each of the industries. The most
attractive approach to solving these problems seems to
be the design of multicomponent compounds (modified
by various additions) of the type Pb(Ti,Zr;_,)O; +

,(PbB}_,B;Oy), (n = 1-4), whose compositions

correspond to the morphotropic transition range
(MTR). This range is characterized by the thermody-
namic instability of coexisting phases and, hence,
extremal dielectric and electromechanical properties of
the related solid solutions (SSs).

Recent publications (e.g., see review [1] and refer-
ences therein) indicate that the MTR morphology is
more complex than was accepted earlier and make it
necessary to comprehensively study the behavior of the
structural and electrophysical characteristics of the
related SSsinside this range. To do this and to use the
data obtained for designing practically important piezo-
electric materials, we continue the investigation [2] of

ternary 0.98Pb(Ti,Zr; _,)05-0.02(PbB;_,B;)0; sys

tems, which have not yet been studied. Asthird compo-
nents, the authors of [2] used Baw,3Bi,;0; (ferroelec-
tric with a Curie temperature of 450°C) and
“SrWy3Biy305"  (hypothetical compound). In  this
work, we also introduce the complex oxide
PbNb,,Bi;;,05;, which has no an intrinsic crystalline
form, into the PZT system and perform stoichiometric
and hyperstoi chiometric modification of SSsby Sr and
Ge (thelatter isintroduced in the form of PbGeO5). The
choice of these third components and modifiers is
caused by the possibility of reaching high Curie tem-
peratures T, which are typical of bismuth compounds,
and high piezoelectric parameters, which are provided
by “soft ferroelectric” Baand Sr cations, in the systems
and by the possibility of improving the workability of
the objects via the formation of low-melting Ge-con-
taining eutectics.

EXPERIMENTAL

The compositions of the SSs to be studied are the
following:

0.98Pb(Ti,Zr, _,)O5 — 0.02Pb(Nb,,,Bi;,) Os,
0.98(Pbg g727Sr0.0273)(T1xZr1 )O3
—0.02Pb(Nb,/,Bi/,)O5 + 1 wt% PbO,
0.98(Pbg g727Sr0.0273)(T1xZr1 )O3
—0.02Pb(Nb,;,Bi,,)O5 + 2 Wt% PbGeO,

1063-7842/05/5009-1170$26.00 © 2005 Pleiades Publishing, Inc.
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(0.45 < x < 0.49).

The concentration step was Ax = 0.025. Since the
contents of third components in these SSs are low, the
phase diagrams of these systems should be close to the
phase diagram of the base PZT system. Therefore, the
concentration step chosen should ensure the formation
of SSsinthe MTR.

The SSs were prepared by a standard ceramic tech-
nology: solid-state two-stage synthesis at temperatures
T, =T, =800°C for isothermal holding timest, =1, =
4 h followed by baking at temperatures Ty, = 1180 or
1200°C for 3 h.

The sample densities were determined by hydro-
static weighing in octane. X-ray diffraction studies
were carried out on a DRON-3 diffractometer (FeK,
radiation, Mn filter) using the Bragg—Brentano scheme.
X-ray diffraction patternswere recorded using the 6—20
method in the step-by-step scanning mode at ascanning
20 step of 0.01° and a counting time of 10 s at each
point and in the continuous mode of recording diffrac-
tion patterns on a chart strip at counter speeds of 0.5
and 0.25 deg/min. The lattice parameters and percent-
age of phases were estimated by the formulas

Mt = 100 —(Mpsc * Hgn)s
ese = (1200 X 100)/(1300 + looz + 00 + 1700).

h h
Hrn = (lgoox 100)/(@00"' |302+ |§oo+ |gosc(>:)7

where W, Upsc, and Py, are the contents of the tetrago-
nal (T), pseudocubic (PSC), and rhombohedral (Rh)
phases, respectively, and |5y, and 14y, are the maximum
intensities of these phases. The parameter of T cell uni-
form deformation &; was determined by the formula
or = 2/3(c/a—1), wherea and c are the T cell parame-
ters.

We studied disk samples 10 mm in diameter and
1 mm thick. Electrodes were applied via baking a sil-
ver-containing paste at 800°C for 0.5 h. The samples
were polarized in apolyethylene-siloxane liquid asfol-
lows: they were placed in a chamber at room tempera
ture, and the temperature was smoothly increased to
140°C in 15-20 min; this growth was accompanied by
an increase in the electric field from 0 to 2.5-
3.0 kV/mm. After holding at this temperature for 20—
25 min, the samples were cooled to 6040°C in the
field within 20 min.

For studying the electrophysical properties of the
SSs under study, we measured their dielectric, piezo-
electric, and mechanical properties at room tempera-
ture according to [3]. Using the techniques described in

[3], we measured the permittivities of the poled (sg3 I€0)
and nonpolarized (g/e,) samples, the dielectric losses
tand in aweak field, the electromechanical coupling

coefficient K, of an in-plane vibration mode, the piezo-
electric modulus dg;, and the mechanica Q. The
TECHNICAL PHYSICS  Vol. 50
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parameters were cal cul ated by the formulasgivenin [3]
with aprogram devel oped by Demchenko (the Delphi 5
programming environment). We aso studied the tem-

perature dependences of the parameters €/, and tand

in a temperature range of 20-500°C at a frequency of
1kHz.

RESULTS AND DISCUSSION

The measured density of the samples is 96-98%
of the theoretical density; therefore, they are consid-
ered to be dense. In combination with the absence
of impurity phases in the samples (which was sup-
ported by X-ray diffraction), this fact indicates a high
reliability of our structural and electrophysical mea-
surements. This reliability is also confirmed by the
repeatability of the effects detected (12—15 samples of
each composition were studied). In the systems under
analysis, phase states are similar; therefore, asan illus-
trating example, we chose the 0.98Pb(Ti,Zr;_,)Os—
0.02Pb(Nb,,Bi,,)O5 system.

An analysis of the X-ray diffraction patterns of the
SSs of this system shows that, at x = 0.485, they have
two diffuse maximain the angular range 55° < 20 < 59°
between the 002 and 200 lines of the T phase. The max-
imum located closer to the 002 line of the T phase cor-
responds to the 200 line of PSC-phase clusters with a
parameter a = 4.1 A. The other maximum corresponds
to the 200 line of Rh-phase clusters with a parameter
a=4.07 A. It isimpossible to determine the symmetry
of the PSC phasein more detail under our experimental
conditions. Asisseen from Fig. 1, the X-ray diffraction
lines are strongly diffused and overlapped, which is
caused by complex phase compositions of the SSs and
similar lattice parameters of the coexisting phases. The
coherent domains of the newly formed phases are
small, which also broadens the lines.

In[4, 5], we showed that B-cation displacementsin
Ti-containing complex oxides are modul ated as aresult
of periodically repeated shiftsin their crystalographic
planes. This modulation results in diffuse maxima,
which distort and broaden the line profiles, at the dif-
fraction line wings. It should also be noted that, apart
from Ti and Zr ions, oxygen octahedrain the SSs under
study are occupied by Bi ions, which have a higher
scattering power. As a result, the diffuse maxima
increase and the diffraction line profiles become dis-
torted to ahigher degree. Asx decreases, the maximaof
the PSC and Rh phases increase, the line intensities of
the T phase decrease, and the line widths increase. At
x = 0.45-0.46 (depending on the conditions of SS prep-
aration), the PSC and T phases disappear and the sam-
ples become purely rhombohedral.

Figure 2a shows the x dependences of the structural
characteristics of the samplesfabricated at the optimum
temperature (T4 = 1200°C). These characteristics are
seen to behave nonmonotonically inside the MTR. For
example, one can see two constant (or weakly varying)
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200T
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200T
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002Rh
200PSC
002T

200PSC
[ 0021

Fig. 1. Fragments of the X-ray diffraction patterns of the
0.98Pb(TiyZr _)O03-0.02Pb(Nby,,Bi;,)O3 SSs fabricated
at Tpace = (@) 1200 and (b) 1180°C. x = (1, 1) 0.45, (2)
0.455, (3, 3) 0.47, (4, 4) 0.475, (5, 5') 0.48, and (6) 0.485.

|attice-parameter segments at the periphery of MTR
(0.455 < x< 0.465, 0.47 < x < 0.48) that are adjacent or
closely spaced to the boundaries of transition into sin-
gle-phase (Rh or T) states and at the center of MTP
(0.465 < x < 0.47), where the lattice parameters change
sharply. The parameters pg,(X) and pr(x), which char-
acterize the Rh- and T-phase contents, respectively,
behave similarly. On the contrary, the PSC-phase con-
tent is constant at the center of MTP and changes
sharply near the morphotropic boundaries, forming
maxima in the constant lattice-parameter segments.
The approximation of the right descending branch of
Mpsc(X) to Hpge = 0 allows us to restrict the PSC-phase
region from the side of PbTiO; to the concentration x =
0.492. Thus, the MTR width Ax is equa to 0.041
(0.451 < x<0.492) (for Tyue = 1200°C).

Figure 2b shows the concentration dependences of
the structural characteristics of the samples having the
same compositions but prepared at a lower T,.
(1180°C). It is seen that these dependences substan-
tially resemblethose given above. The main differences
are a shift in the MTR toward PbTiO;, the broadening
of the MTR by a factor of aimost 1.5 (Ax = 0.058,
0.462 < x < 0.520; the second morphotropic boundary
was detected asin thefirst case), ashift in thefirst con-
stant structural-parameter segment toward the single-
phase Rh area, a sharp change in ppse(X), Mrn(X), and
U(X) insidethe M TR, and the absence of a pronounced
maximum in Ppsc(X) at the Rh boundary.

As follows from the results given above, the mor-
photropic transition from the T into Rh phase in these
SS systems with decreasing PbTiO; content occurs as
follows. First, SSs containing the T phase and the inter-
mediate PSC phase areformed. Asx decreases, the PSC
phase transforms gradually into the Rh phase, the SSs
contain three phases (T + PSC + Rh), and the contents
of the two latter phases increase. After reaching a cer-
tain concentration, the amount of the PSC phase
decreases and that of the Rh phase increases. This
sequence of phase transitions in the concentration
range under study seems to be natural if we take into
account the following factors. Above T, the structures
of both systems become cubic (C). TheT cédll (a=b<c,
o =3 = y=90°) can smoothly transform into a cubic
cell when the a and b parameters increase and the ¢
parameter decreases. TheRhcdl (a=b=c,a=pB=y#
90°) can smoothly transform into a cubic cell when the
angle a increases to 90°. The T cell cannot smoothly
transform into the Rh cell. This transformation can
occur either through the C phase, when the linear cell
parameters are gradually equalized and, then, the angle
o decreases, or through a phase with lower symmetry
(e.g., monoclinic symmetry), whose cell has unequal
linear parameters and undergoes angular distortion.
This means that at least three phases should simulta-
neously coexist inthe MTR, namely, an SSwith ahigh
Ti content and the T distortion of the perovskite cell; an
SS with a high Zr content and the Rh distortion of the

TECHNICAL PHYSICS Vol. 50 No.9 2005
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Fig. 2. Concentration dependences of the structural characteristics of the 0.98Pb(Ti,Zr4 _)O3-0.02Pb(Nb4,,Bi;5)O3 SSs fabri-
cated at Tpqee = (8) 1200 and (b) 1180°C. (1, 1) a, (2, 2) cr, (3, 3) volume V1, (4, 4) T cell uniform deformation parameter o,
(5, 5) T phase content pr, (6, 6") Rh phase content pgy, and (7, 7°) PSC phase content ppgc.

cell; and an intermediate SS (intermediate phase, |IP
[14, 15]) that has amonoclinic distortion of the perovs-
kite cell, as was shown in [6-16] for the PZT system
and other similar systems. It is obvious that, depending
on the SS preparation conditions, both the formation
rate of the PSC and Rh phases and the MTR width can
change.

Notethat an additional PSC phasein PZT-based SSs
lying in the T-Rh transition range was first detected in
[17] well before the appearance of works dealing with
the IPinthe MTR. The authors of [17] studied a PKR-
7M material [18] designed at the Research Institute of
Physics, Rostov State University, on thebasis of one of the

TECHNICAL PHYSICS  Vol. 50
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five-component Pb(Ti,Zr)O; + Z“ _4(PbB}_4B;0y),

systems. ThisMTR in[17] was classified asatransition
region containing an additional phase. The content of
the additional phasein the samplesat room temperature
was about 50%. An analysis of the diffraction line
widths showed that this phase had small coherent
domains (smaller than 400 A) (in our case, their sizeis
~300 A). In[16], this additional phase was treated as a
phase with metastable polarization characteristic of
relaxer ferroelectrics.

Inside the MTR, the electrophysical characteristics
of the SSsfabricated at Ty, = 1200°C (Fig. 3a) behave
similarly to the structural characteristics: they behave
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Fig. 3. Concentration dependences of the electrophysical characteristics of the 0.98Pb(Ti,Zr; _,)O3-0.02Pb(Nby,,Bi;;5)O3 SSs
fabricated at Tpae = (8) 1200 and (b) 1180°C. (1, 1) sgs leg, (2, 2) eleg, (3, 3) Kp, (4, 4) dag, and (5, 5) tand.

nonmonotonically, forming maximanear both morpho-
tropic boundaries. In the SSs baked at lower T, tem-
peratures (Fig. 3b), all characteristics do not form max-
ima at the Rh boundary, and they form maxima only
near the transition into the T phase. This behavior can
result from insufficient quality of the samples (low den-
sity, heterogeneity). In both cases, the dielectric and
piezoel ectric characteristics are maximum at the maxi-
mum content of the PSC phase. This is related to the
easy motion of interphase boundaries and domain walls
(easy rotation of a polarization vector) in the three-
phase MTR [1, 8, 13, 19], which resultsin an increase
in the response of the system to external electrical and
mechanical actions. Thus, the role of the IP in the for-
mation of the macroscopic properties of the SSs under
study is seen to be important. The examination of the
temperature dependence of €/g, in the paraelectric
phase reveals anomalies in the x dependence of the
Curie constant C,y, which is afundamental characteris-
tic, similar anomalies were detected in [20]. These
anomalies are caused by a shape-memory effect, which
consists in the fact that paraglectric cubic ceramic
retains the residual mechanical stresses that are accu-
mulated during the formation of a multicomponent
structure.

The facts and considerations given above and an
analysis of the reported data allow us to formulate a
number of concepts regarding the phase diagrams of
PZT-type systems near the MTR.

(1) Based on the form of the phase diagrams of the
PZT system and related multicomponent systems (hav-
ing similar phase boundaries), we classify them as Roo-
zeboom SS diagrams of the first type with peritectoid
decomposition in the solid state [21].

(2) These diagrams reflect the processes of the for-
mation of a continuous series of the SSs of the high-
temperature modifications of system components
(which are cubic for PbTiO; and PbZrO5) and the peri-
tectoid decomposition of the SSs of the low-tempera-
ture madifications. This decomposition is characterized
by (i) gradual dissolution of one of the phases (e.g., the
T phase) and the precipitation of another phase (Rh),
(i) limited solubility of the low-temperature modifica-
tions (T and Rh), (iii) the formation of a concentration
range (MTR) where two SSs with limiting concentra-
tions are in equilibrium, and (iv) constant SS parame-
ters (physical properties) insidethe MTR.

(3) The range of coexistance of phasesis relatively
narrow, and the boundary components of the systems
under study form wide isomorphic areas with each

TECHNICAL PHYSICS Vol. 50

No. 9 2005



0S 'IoA  SDOISAHd TVOINHO3L

6 ON

S00C

Table 1. Tetragonal--rhombohedral transformation in PZT-type systems when going from ideal to real objects
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Table 2. Electrophysical characteristics of the SSsin the systems 0.98(Pbg 67575 0.0272) (TixZr1 — ) O5—-0.02Pb(Nb,5Bi,5) O3 + 1 wit

SS composition X Exley | tand x 107 | K, | |dyl, pC/IN | Qy

0.98(Pby 97075 0,0273) (TixZr1 _)O3-0.02Pb(Nb,,Bi; )05 | 0.465 | 1630 1.47 0.34 90.2 190
+ 1 wt% PbO 0.46 1614 1.54 0.34 90.8 171
0.455 | 1362 1.96 0.36 88.3 178

045 | 1184 2.09 0.41 92.1 180

0.98(Pby 979757 0.0073) (TixZr1 _)O3-0.02Pb(Nb,,Bi; )05 | 0.465 | 1666 1.75 0.51 136 111
+ 2 Wt% PbGeO 0.46 1507 1.94 0.47 122 120
0.455 | 1508 2.14 0.58 145 121

0.45 1420 2.32 0.56 134 122

other [22]. Therefore, the dissolution of the low-tem-
perature modifications can be considered as the forma-
tion of an SSwith a discontinuity in the phase diagram
at certain component concentrations.

(4) Such a phase diagram is caused by substantial
differences in the shapes of the crystal lattice cells of
the boundary components more than by the difference
in their symmetries [23]. These differences do not per-
mit agradual transition from one structure into another;
as aresult, the SS decomposes.

(5) The form of the phase diagrams of such systems
(perfect single crystals) can be described in terms of the
classic thermodynamics of solutions, which can consist
of two phases [24].

(6) In real ferroelectric crystals (polycrystals,
ceramics), the properties of SSs cannot be thermody-
namically described because of their complex hierar-
chical structure (domains, grains) and the high sensitiv-
ity of these properties, especially in the range of coex-
isting phases, to the characteristics of the components,
fabrication conditions, and external actions. These fac-
tors can cause deviations from stoichiometry, SS com-
position fluctuations, the formation of point and
extended defects, and an increase in the phase concen-
tration range.

(7) The history of samples causes differences
(which were detected in different experiments) in the
MTR length; in the “filling” of the MTR by phases of
different symmetries and compositions, including clus-
ter structures [25] and the IP; and in the behavior of
structural and electrophysical parameters inside the
MTR.

(8) For real objects, the T-Rh transformation can be
represented in the form of schemes (a)—(d) in Table 1,
which become more complex as the results of more
comprehensive studies of PZT-type systems are accu-
mulated and interpreted.

The lower (most probable) scheme differs from the
ideal scheme by low rates of diffusion processes occur-
ring during solid-phase synthesis, which hinders the
reaching of equilibrium states. Note that the formation

of two segments with constant SS parameters detected
in this work is related to the appearance of the IP and,
as a consequence, to the SS formation by this scheme.

(9) Thedi€lectric, piezoelectric, and el ectromechan-
ica characteristics of the SSs most often change
smoothly (just as does the structure) in single-phase
areas far from the MTR, nonmonotonically (just as the
structure) in heterogeneous areas (where new-phase
clusters appear) in the vicinity of the MTR, and in an
extremal manner near morphotropic boundaries (when
the IP content is maximum in the segments of constant
structural parameters).

(10) SSsfrom the MTR have a high defect concen-
tration, which is caused by their heterophase composi-
tions. This fact is indicated by, e.g., the minimum val-
ues of the baking temperature, the electrical resistivity
(for p-type conduction), the activation energies of reac-
tions, and the energy gap and the maximum deviation
of the electrophysical parameters from the average
value[26].

(11) SSsfrom the MTR are thermodynamically sta-
ble. For example, as compared to the single-phase SSs,
they exhibit the maximum change in their fundamental
characteristic (T¢) when they are subjected to external
actions, such as technological processes [26].

(12) As the number of components increases, the
form of the phase diagrams becomes more complex,
and the decomposition of SSs can also depend on the
differences in the diffusion activities of different cat-
ions. We believe that, due to thisreason, the |P wasfirst
discovered in the most complex system of the well-
known multicomponent systems, which included eight
cation types[17].

An analysis of Fig. 3 and Table 2, which lists the
electrophysical characteristics of the SSs of two other
systemsto be studied, showsthat thereisagroup of SSs
(with x = 0.455-0.465) that are promising for practical
application. Rather high values of T (350-360°C), K,

(0.50-0.58), and d;; (100 pC/N) at low values of tand
(<0.02) and Qy, (<200) make it possible to use the SSs
having such parametersin high-temperature broadband

TECHNICAL PHYSICS  Vol. 50

No. 9 2005



CONCENTRATION DEPENDENCES OF THE PROPERTIES

transducers. As compared to all well-known high-tem-

perature materials [18] having low values of s§3 /g

(~50-500) and, hence, used in high-frequency devices,

we fabricated SSs having much higher values of €4 /¢,

(1300-1500) in thiswork and in [2]. These high values

make such SSs promising for high-temperature piezo-

glec(’;ric devices operating in the medium-frequency
and.
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Abstract—Singlecrystalsof Cu,Ag; _,InS, solid solutions are grown by the moving solvent method. The com-
positions and structures of the single crystals are determined. The thermal expansion coefficients of these crys-
tals are determined with a dilatometer. The thermal expansion coefficients are found to vary linearly with con-
centration x. Thethermal conductivity of the crystalsis measured by the absol ute method, and the concentration
dependence of the thermal conductivity is constructed. This dependence is shown to have a minimum near the
equimolar composition. © 2005 Pleiades Publishing, Inc.

INTRODUCTION

CulnS, and AgInS, belong to I-1I1-VI, ternary
semiconductor compounds, most of which crystallize
into the chal copyrite structure. These compounds have
a high absorption coefficient (a = 10* cm™) and show
direct interband transitions, which makes them promis-
ing for light-emitting diodes generating linearly polar-
ized radiation, optical filters, and high-efficiency pho-
toelectric converters [1-5]. Solid solutions based on
these compounds are also of practical interest, since
their physical parameters can be smoothly varied. Ear-
lier [6, 7], we studied the physicochemical properties of
such materials.

In this work, we pioneer the study of the thermal
expansion and thermal conductivity of single-crysta
CuInS, and AgInS, ternary compounds, as well as of
CuAg; _,InS, solid solutions, grown by the moving
solvent method.

EXPERIMENTAL

CuInS, and AgInS, compounds and CuAg; _,InS,
solid solutions were presynthesized by the horizontal
two-temperature method from pure elements (copper,
silver, V4 indium, and extra-pure grade sulfur addition-
ally purified by multiple sublimation) [7].

The ingots synthesized were used to grow single
crystals. To this end, they were powdered and loaded
into graphitized quartz ampoules with an inner diame-
ter of 10-12 mm. Metallic indium (1.5-2.0 g), which
was used as a solvent, was placed at the bottom of the
ampoules. Upon evacuation, the ampoulewas placed in
a vertical resistance furnace with three independent
heating zones. The temperature of the upper zone was

maintained at 1150-1200 K ; that of the annealing zone,
at 1020-1050 K. The ampoule with the melt was held
in the furnace for 24 h and then was lowered through
the solidification front to the bottom zone with aveloc-
ity of 0.18-0.26 mm/h at a temperature gradient of
=30 K/cm. After homogenizing annealing, the furnace
temperature was decreased to 500 K at arate of =5 K/h
and the furnace was turned off. The single crystals
grown by this method had a diameter of 10-12 mm and
alength of up to 50 mm. Their homogeneity was proved
by electron probe X-ray microanalysis and X-ray dif-
fraction.

The compositions of the compounds and solid solu-
tions were determined by el ectron microprobe analysis
with a JEOL electron probe X-ray microanalyzer. The
results are listed in the table. The calculated values are
seen to agree well with the experimental data.

The equilibrium state of the compounds and the
homogeneity of the solid solutions were checked by X-
ray diffraction. X-ray diffraction patterns were
recorded with a DRON-3M diffractometer (CuK, radi-
ation) using a nickel filter. The samples for X-ray dif-
fraction analysiswere prepared by grinding the crystals
with subsequent pressing the powders into a specia
holder. To relieve grinding-induced mechanical
stresses, the powders were annealed at 650 K for 3 h.

RESULTS AND DISCUSSION

Our studies show that both the CulnS, and AgInS,
ternary compounds and their related solid solutions
crystallize into the chalcopyrite structure and that the
crystals grown are homogeneous (as indicated by the
fact that high-angle lines in the X-ray diffraction pat-

1063-7842/05/5009-1178$26.00 © 2005 Pleiades Publishing, Inc.



THERMAL EXPANSION AND THERMAL CONDUCTIVITY

1179

Data of electron probe X-ray analysis for the CulnS, and AgInS, ternary compounds and Cu,Ag; _InS, solid solutions

Cu, wt % Ag, wt % In, wt % S, wt %
X
calculation | experiment | calculation | experiment | calculation | experiment | calculation | experiment
0.0 - - 37.61 37.84 40.03 39.67 22.36 22.06
0.2 457 4.48 31.05 31.20 41.31 41.50 23.07 22.82
0.4 9.45 9.50 24.05 23.93 42.67 42.79 23.83 23.78
0.6 14.65 14.57 16.58 16.49 44.12 44.22 24.65 24.72
0.8 20.22 20.30 8.58 8.46 45.68 45,77 25.52 2547
1.0 26.20 26.15 - - 47.35 47.80 26.45 26.05

ternsareresolved). Thelattice parameters cal culated by

the least squares method are the following: a = 5.523 +
0.002 A and ¢ = 11.125 + 0.005 A for CulnS, and a =
5.879 + 0.002 A and ¢ = 11.204 + 0.005 A for AgInS,.
These values are consistent with the data obtained by

other methods [8, 9]. These parameters vary linearly
with copper concentration x (in accordance with Veg-

T T T T
=
Il
e
oo
T T

q

ard’s law), obeying the relationships

a = 5.523 + 0.356x,
c = 11.125+ 0.079x.

x=0.6

oL

a; x 109, K6

1
200
x=04

1
400

1 1
200 400

x=0

1
600 0
a,

_S_M L

ay

[
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We measured the thermal expansion of the CulnS,
and AgInS, ternary compounds and their solid solu-

1
600 T, K

Fig. 1. Temperature dependences of thermal expansion coefficients a;_ for the CulnS, and AgInS, compounds and Cu,Ag; _,InS,
solid solutions.
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Fig. 2. Concentration dependences of the thermal expansion
coefficient for the Cu,Ag; _4InS, solid solutions.

tions, using a quartz dilatometer, in which the thermal
expansion of solids is measured with respect to that of
quartz [10]. Before measurements, the device was evac-
uated and filled with an inert gas to prevent the decom-
position and oxidation of the sample. The temperature
was measured by a Chromel-Alumel thermocouple
with an accuracy of 5%. The samples were heated with
a low rate, =5 K/min, to ensure reliable results. The
temperature dependences of elongation Al/l, of the
materials were taken from single-crystal platelets mea-
suring 10 x 4 x 3mm and oriented parallel (o) and per-
pendicular (ay) to their principal axes.

Thethermal expansion coefficient (TEC) was cal cu-
lated by the formula

_ld
¢ = ar &)

where |, is the sample initial length and di/dT is the
change in the sample length upon heating by 1 K.

Figure 1 shows the temperature dependences of
thermal expansion coefficients a, for the CulnS, and
AgInS, compounds and Cu,Ag; _,InS, solid solutions.
It follows from Fig. 1 that the thermal expansion of
both the compounds and solid solutions is anisotropic:
ay < ap. Inthe CulnS, compound and solid solutions

BODNAR, YASYUKEVICH

with x > 0.5, both thermal expansion coefficients are
positive, while in AgInS, and the solid solutions with
x<0.5, ayispositiveand o, is negative. Also, the abso-
lute values of both thermal expansion coefficients
increase linearly with temperature in the range 80—
300 K. Above 300 K, the rate of their increase slows
down and the coefficients depend on temperature only
weakly. Such atemperature dependence of the thermal
expansion coefficients is also characteristic of other |-
[11-VI, compounds and their related solid solutions
[11-13].

The concentration dependences of linear thermal
expansion coefficients o and o, for various tempera-
tures are shown in Fig. 2. It is seen that these coeffi-
cients increase linearly with Xx. The discrepancy
between our results and the datain [14] is likely to be
due to different techniques used to measure the thermal
expansion parameters. For example, in [14], the ther-
mal expansion was measured by the X-ray diffraction
method. However, it was noted [10] that the X-ray dif-
fraction and dilatometric methods of TEC determina-
tion give physically different results. The former
method gives the TEC of a crystal structure, while the
dilatometric method gives the TEC of a materia. This
argument can explain the difference in the concentra-
tion behavior of aj and ap,

Thermal conductivity x of the compounds and solid
solutions were measured by the absolute stationary
method [15] in atemperature range of 300-550 K using
the samples with the same dimensions as above. The
measurement accuracy was =6%. In this method, the
amount of heat having passed through a sample is
determined from the power of afurnace heater, W=1V,
and the thermal conductivity is calculated by the for-
mula

X = WI/SAT, @)

where| isthe distance between the thermacouples, Sis
the cross-sectional area of the sample, and AT is the
temperature gradient.

Figure 3 shows the temperature dependences of the
thermal conductivities of the CulnS, and AgInS, com-
pounds and Cu,Ag; _,InS, solid solutions. The thermal
conductivity measured is due basically to the lattice
component, since its electronic component calcul ated
by the Wiedemann—Franz rel ationship does not exceed
1% of the value measured.

For the CuInS, and AgInS, compounds, the thermal
conductivity in the temperature range 300400 K is
described by the dependence of type T2, which is char-
acteristic of three-phonon scattering. This result agrees
with the Peierls theory, according to which X is
inversely proportional to temperature at temperatures
above the Debye temperature. In this case, we are deal -
ing with phonon—phonon scattering, when three
phonons exchange energy between each other (three-
phonon processes). As aresult, one phonon disappears

TECHNICAL PHYSICS Vol. 50
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Fig. 3. Temperature dependences of the thermal conductiv-
ity for the CulnS, and AgInS, compounds and
Cu,Ag; - «InS, solid solutions.

x, W/(m K)
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1
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Fig. 4. Concentration dependence of the thermal conductiv-
ity for the Cu,Agy _,InS, solid solutions.

and two new phonons appear or two phonons disappear
and one new phonon arises. At higher temperatures, x
variesas T (0 < n < 1), which meansthat scattering by
impurities and lattice defects dominates. In the
Cu,Ag; _,InS, solid solutions, the power-type depen-
dence x ~ T is abserved throughout the temperature
range studied; hence, the basic scattering mechanismis
scattering by lattice defects. Accordingly, the tempera-
ture dependence of x isweak.

Figure 4 shows the concentration dependence of the
thermal conductivity for the CuAg; _,InS, solid solu-
tions. This curve has a minimum near the equimolar
composition. The considerable decrease in x of the
solid solutions compared with that of the initial com-
pounds is due to breaking of the lattice periodicity in
the solid solutions because of the random distribution

TECHNICAL PHYSICS  Vol. 50
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of atoms over equivalent sites. In solids, dissimilar
atoms, though occupying regular lattice positions
(sites), are disordered. Because of this, the atomic
weights and force constants vary randomly from site to
site, causing phonon scattering. Therefore, solid solu-
tions can be viewed as intermediates between the crys-
talline state (the crystal lattice persists) and the amor-
phous state (the disordered arrangement of atoms). For
solid solutions, the degree of disorder is maximal at the
equimolar composition; accordingly, their thermal con-
ductivity near this composition is minimal.

CONCLUSIONS

Using the moving solvent method, we grew single-
crystal Cu,Ag; _,InS, solid solutions, determined their
compositions and crystal structure, and measured their
thermal expansion coefficients and thermal conductivi-
ties. For the solid solutions with x > 0.5, both thermal
expansion coefficients (o) and o) are found to be pos-
itive, whereas for AgInS, and the solid solutions with
x< 0.5, oy is positive and o, is negative. The TEC var-
ies linearly with concentration x, and the thermal con-
ductivity has a minimum at the near-equimolar compo-
sition.
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Abstract—L ateral shear interferometry is considered as a possible means for optical correction of wave fronts
reconstructed from singly and doubly exposed holograms. Optical aberrations are eliminated in a moiré pattern
by superposing two lateral shear interferograms using waves diffracted by original holograms. It is shown that
the singly exposed hologram allows compensation for only optical inhomogeneities due to the substrate, while
the doubly exposed hologram also excludes aberrations due to the recording system. The experimental results
supporting the efficiency of the method as applied to imperfect substrates of holograms are presented. © 2005

Pleiades Publishing, Inc.

INTRODUCTION

Wave fronts reconstructed from a hologram can be
studied by avariety of optical methods|[1, 2]. Using the
same hologram of an object studied, one can obtain
two-beam interferograms, shear interferograms with
arbitrary parameters of fringes, and various shadow
patterns. This considerably extends the body of infor-
mation on the object. While the correction of aberra
tions due to a recording system (optical aberrations)
and compensation for substrate inhomogeneities pose
no difficulties for two-beam interferometry [1], they
present a serious challenge for shear interferometry and
shadow techniques. The reason is that the formation of
a shear interferogram, as well as of a shadow pattern,
usually involves only one wave reconstructed from the
hologram. To date, anumber of methods have been sug-
gested for partial [3-5] and complete [6, 7] compensa:
tion for aberrations of either type in shadow patterns.
However, complete compensation for optical distor-
tionsin shear interferograms requiresthat at least apair
of holograms and an interfacing optical system be used
[6, 8], which considerably complicates the experiment.

Shear interferometry, its both conventional and
holographic techniques, enjoys today wide application
in various fields of science and engineering [9-13].

In this study, we propose methods of correcting sub-
strate distortions and optical aberrationsin lateral shear
interferograms formed by wave fronts reconstructed
from holograms. These methods considerably extend
the potential of lateral shear holographic interferometry

as applied to holograms on imperfect substrates and
loosen requirements for the aberration characteristics
of optical systems.

Let us assume that a wave front having passed
through a phase abject is holographically recorded. Let
us consider how shear interferograms free of optical
distortions can be obtained using singly and doubly
exposed holograms.

EXPERIMENTAL

Figure 1 shows the optical scheme used to obtain
aberration-free lateral shear interferograms using both
singly and doubly exposed holograms. Hologram 1 is
illuminated by a collimated He-Ne laser beam. Dia-
phragm 3 placed in the second focal plane of objective
2 separates out the reconstructed wave. Objective 4 col-
limates the reconstructed wave and directs it to four-
mirror lateral shear interferometer 5. The design of the
interferometer alows for variation both of the fringe
spatial frequency and of the lateral shear of theinterfer-
ograms recorded in plane 6. The record plane was opti-
cally interfaced with hologram 1 by objectives 2 and 4.

1 2 3 4 5 6

]

Fig. 1. Optica scheme for obtaining aberration-free lateral
shear interferograms.

1063-7842/05/5009-1182$26.00 © 2005 Pleiades Publishing, Inc.
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SINGLY EXPOSED HOLOGRAM

The amplitude transmission of a singly exposed
hologram recorded under linear conditions [2] for the
fringes perpendicular to the x axis has the form

T, 01+ cos[2TE X+ €+ @]. D

Here, &, isthe spatial frequency of the holographic pat-
tern (§,, = L/T, where T isthe spatial period of the holo-
graphic pattern), € isthe phase distortion due to optical
aberrations, and ¢ is the phase shift induced by the
object.

Assume that singly exposed hologram (1) isillumi-
nated by a collimated beam so that the wave recon-
structed normally to the hologram in thefirst diffraction
order is expressed as

Ay = aexpli(x +e+9)], )

wherex isthe phase distortion inserted by optical inho-
mogeneities of the hologram substrate.

It is seen from Eq. (2) that the wave front includes
not only the valid signal described by function ¢ but
also distortion (x + €) associated with substrate inho-
mogeneities and optical aberrations. Wave (2), sepa-
rated out by diaphragm (3) (Fig. 1), enterslateral shear
interferometer 5. In our method of correction, the inter-
ferogram to be recorded in plane 6 must be adjusted to
the spatial frequency of the resulting fringes. This can
be achieved by specifying not only a shift between the
interfering beams but al so the angl e defining the spatial
frequency of the fringes. In this case, the intensity dis-
tribution in a shear interferogram appears as

I, 01+ cos[2mE X + Ax + Ag + Ad], (©)]

where ¢, is the spatial frequency of the fringes, Ax =
X—X,Ae=¢g—¢,and Ap = ¢ — ¢". The primed func-
tions describe changes in the wave front of one wave
shifted with respect to the other in recording a lateral
shear interferogram. The signal detected is distorted by
substrate inhomogeneities Ax and optical aberrations
Ag.

In the case of asingly exposed hologram, only sub-
strate-related distortions can be eliminated. To do this,
along with interferogram (3), one should record, in the
same interferometer, another shear interferogram with
the same shift and also adjusted to the resulting fringe
pattern; however, in the latter case, the interferogramiis
obtained using the wave transmitted through hologram
(1) in the forward direction (i.e., the diffracted wave of
the zero order). The wave front of such a wave is
deformed by only substrate inhomogeneities, and its
complex amplitudeis

A, = agexp(ix), (4)

where a, is the real amplitude of the wave transmitted
in the forward direction.
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In this case, the intensity distribution in a shear
interferogram is given by

I, 01+ cos[21E x + AY]. 5)

Distortions introduced by inhomogeneities in the
substrate of hologram (1) can be eliminated by succes-
sively recording two lateral shear interferograms (3)
and (5) either on one mutual substrate or on two differ-
ent substrates. In the latter case, the chemically treated
substrates are aligned exactly.

Although the moiré pattern is obtained, in the
former case, by adding and, in the latter, by multiplying
the amplitude transmissions of the high-frequency
structures of the interferogram, it is the same in both
cases [14, 15]. To increase the visibility of the moiré
pattern, filtering of the spatial frequencies can be
applied. Usually, the diaphragm placed in the second
focal plane of the objective cuts out the first diffraction
order from the light transmitted through superposed
shear interferograms. It can be demonstrated [14, 15]
that, in both cases considered above, the moiré patters
is described by the expression

001+ cos[Ag + Ad]. (6)

Moiré pattern (6) isfree of the distortions associated
with the substrate of hologram (1). However, optical
aberrations cannot be eliminated by using a singly
exposed hologram.

DOUBLY EXPOSED HOLOGRAM

In order to compensate for the distortions related to
optical aberrations when holograms are recorded on a
mutual substrate, the hologram should be exposed
twice: with and without the object. At the second expo-
sure, carrier frequency &, must be so much different
from the frequency at the first exposure, &, that beam
separation by diaphragm 3 during the subsequent
reconstruction of the wave fronts (Fig. 1) will be reli-
able. The amplitude transmission of a doubly exposed
hologram under the linear recording conditions has the
form

1,02+ cos[2TE X + €+ §] + cos[2mE x+¢€]. (V)

Here, unlike the case of the singly exposed hologram,
both substrate-related distortions and optical aberra
tions can be compensated for. Now, the wave diffracted
by the second holographic structure of doubly exposed
hologram (7) in thefirst order is used for recording the
second shear interferogram. The complex amplitude of
thiswaveis

A, = aexpli(x +¢)], (8)

where a, isthe real amplitude.
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Fig. 2. Lateral shear interferogram visualizing optical inho-
mogeneities in the substrates of the initial doubly exposed
hologram (adjustment to an infinitely wide fringe).

In this case, the intensity distribution in the lateral
shear interferogram is

I, 01+ cos[2m¢ X + AX + Ag]. 9

The procedure of optical correction here isthe same
asthat for the singly exposed hologram; i.e., the result-
ing shear interferograms can be recorded either on two
separate substrates with subsequent alignment or on a
mutual doubly exposed substrate. However, in contrast
to (6), the moiré pattern is described by the dlightly dif-
ferent expression

I, 01+ cos[Ad], (10)
which contains neither substrate inhomogeneities nor
optical aberrations.

With doubly exposed holograms, one can obtain
shear interferograms of an object with complete com-
pensation for both optical aberrations and inhomogene-
ities of the hol ographic substrate. However, thisversion
of lateral shear holographic interferometry, which
requires double exposure and a change in the carrier
frequency, is generally more laborious than that using
single-exposure recording. Therefore, it is preferable if
the amount of optical aberrations is comparable to the
valid signal.

EXPERIMENTAL RESULTS

The optical correction technique proposed was ver-
ified in studying melting zones of heat-treated planar
polymethylmethacrylate samples. A doubly exposed
(before and after the treatment) hol ogram was recorded
with a Mach—-Zehnder interferometer on an FG-690

LYALIKOV

Fig. 3. Moiré pattern of the lateral shear interferogram for
the polymethylmethacrylate sample with substrate inhomo-
geneities and optical aberrations eliminated.

holographic film. The diameter of the field of observa-
tion was 26 mm. The wave aberrations of the recording
system were ~0.3A. When recording the doubly
exposed hologram, the carrier frequency was varied by
rotating the reference beam between the exposures.

Following the above procedure, alateral shear inter-
ferogram was recorded on a mutual substrate with the
use of the wave fronts reconstructed from the doubly
exposed hologram. The lateral shear of interfering
wave fronts in a four-mirror shear interferometer was
set equal to 3.0 mm. Figure 2 shows the shear interfer-
ogram adjusted to an infinitely wide fringe (the lateral
shear is 3.0 mm), which visualizes optical inhomogene-
itiesin the substrate of the initial doubly exposed holo-
gram. Thelow quality of thefilmisevident. Figure 3is
the moiré pattern obtained by illuminating the doubly
exposed hologram, where both the distortions due to
the substrate and optical distortions are eliminated. To
improve the visibility of the fringe pattern, spatial fre-
quency filtering (separation of the first diffraction
order) was applied. The moiré pattern shown in Fig. 3
visualizes the behavior of function A¢ with substrate
inhomogeneities and optical aberrations eliminated.

CONCLUSIONS

The aberration-free version of lateral shear holo-
graphic interferometry may provide a high measure-
ment accuracy in studying phase objects using holo-
grams on low-grade substrates and inexpensive optics.

TECHNICAL PHYSICS  Vol. 50
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Abstract—The lasing parameters of anonchain chemical HF laser (an active volume of 20 1) excited by afast
electron beam are studied at different energies delivered to the gas. It is shown that the laser operates efficiently
when the energy deposited is below 30 J/I. Above specific excitation energies of 60—70 J/, both the lasing effi-
ciency and the laser output decrease. © 2005 Pleiades Publishing, Inc.

INTRODUCTION

Nonchain chemical HF/DF lasers are highly effi-
cient coherent sources radiating in the near-IR range
(A =2.6-5.0 pm). Owing to the many-lined spectrum of
laser radiation, which covers the absorption spectra of
many human-activity-related environmental pollutants,
such lasers are indispensabl e radiation sourcesfor envi-
ronmental protection and monitoring systems.

Chemical nonchain lasers are usually pumped by an
electric discharge or a fast electron beam. The latter
approach is the most promising for exciting high-
energy (>100 J) lasers. The standard working mixture
for HF lasers consists of Sk and H, gases [1, 2]. The
former is an electronegative gas with alarge cross sec-
tion of plasma electron attachment to molecules. In
[3, 4], an anomalous propagation of an electron beam
through mixtures containing el ectronegative gases was
discovered. The main anomaly was that electrons pen-
etrated into an electronegative gas to a depth consider-
ably smaller than their extrapolated range; in other
words, the beam was “ blocked.” The anomal ous behav-
ior of the electron beam energy deposited into SF; was
demonstrated in [5]. It was found that the excitation
area was smaller than predicted when the SF, pressure
exceeded 5.5 x 10* Pa. Based on the calculation, it was
supposed that such anomalous behavior of the energy
may be due to a large amount of the space charge,
which forms in the plasma because of its low conduc-
tivity. As a result, the electron beam behaves as if it
were confined by the space charge field, since a major
fraction of the electron beam energy is spent on work
against thisfield.

If such an uncommon situation occurs in the work-
ing mixture of achemical laser, its performance may be
adversely affected. An F,—O,—H,—SF; chain chemical
laser excited by a microsecond electron beam with a
maximum electron energy in the diode of 450 keV was
studied in [6]. The conditions under which the confine-
ment of an electron beam had an influence on lasing

were determined. It was shown that the lasing energy
was no longer a linear function of specific excitation
energy E at E > 50 J/I. The shrinkage of thelasing range
in the H,—SF; mixture was observed when the mixture
density exceeded 3.5 g/I.

A different situation was observed in [7, 8], where
the excitation of the H,—SF, mixture by aradialy con-
vergent electron beam resulted in a high lasing effi-
ciency (=10%) and the role of the space charge was
considered to be insignificant [§].

Since the data concerning the presence of the space
charge and its influence on the HF laser performance
are contradictory, it is of interest to investigate thistype
of laser in more detail. In this work, we study the
energy and time parameters of anonchain HF laser ver-
sus the pumping electron beam energy density in order
to see whether there is an anomaly in the lasing param-
eters and search for optimal conditions of excitation.

EXPERIMENTAL

The experimental setup was similar to that used pre-
viously for excitation of a XeCl laser [9]. It includes a
laser chamber, two vacuum diodes placed on opposite
sides of the chamber, and six Arkadyev—Marx genera-
tors. The diodes with explosive-emission graphite cath-
odes were fed by three parallel-connected generators
containing ten stages each (the capacity per stage is
0.1 yF). The charging voltage of the generators was
80 kV. The diodes generated 800-ns-wide 40-kA cur-
rent pulses with an electron energy of 450 keV. The
pulsed electron beams of cross-sectional area 13 x
150 um generated by the diodes were injected into the
laser chamber through 50-pum-thick titanium foil or a
Lavsan film* covering a metallic grid, which served as
the anode of the diodes. The oppositely placed foilsin
the laser chamber were 12 cm apart. The chamber was
acylinder of capacity 60 |. A cavity was formed by the

1 Russian equivalent of Dacron.

1063-7842/05/5009-1186$26.00 © 2005 Pleiades Publishing, Inc.
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TIBr windows of the laser chamber, which were 20 cm
in diameter and had a transmission of 75% in the 2.5~
3.0 um range, and a plane external aluminum mirror.
An H, + SF; gas mixture at a pressure between 0.3 and
1.0 atm served as the lasing medium.

The pump energy (power) density used to excite the
laser was varied. Thiswas donein three ways. First, the
energy delivered to the gas substantially depended on
the absorbent material. For example, substitution of the
Lavsan film for titanium foil raised the energy deposit
by about half as much again. Second, one or two diodes
were used for excitation. In this case, the pump energy
increased roughly twofold. Finally, the pump energy
density rose twofold when the pressure of the gas mix-
ture was varied from 0.3 to 1.0 atm.

The laser energy density distribution over the
beam’s cross section was measured with an IKT-1N
calorimeter; the laser output, with a set of coupled
TPI2-7 calorimeters with a total surface area of 24 x
24 cm. Thewaveform of laser shotswas recorded by an
S8-14 oscill oscope using an FSG-22 photoresistor. The
electron beam energy deposited into the gas was esti-
mated both theoretically and experimentally by the
method of pressure jump in the SFg gas. A 6MD-Kh1B
mechanotron served as a pressure sensor, and its signal
was applied to the oscilloscope. The energy deposit was
caculated by the Monte Carlo method under the
assumption that the space charge field in the plasma
does not influence the el ectron beam. Thelasing param-
eters were determined at the first shot in a fresh gas
mixture, since at the second shot the output dropped by
afactor of 1.5-2.

EXPERIMENTAL RESULTS

Figure 1 shows the electron beam energy deposited
into the gas as a function of the Sk pressure for one-
side and two-side pumping. Asthe pressure grows from
0.30 to 0.95 atm, the energy increases approximately
twofold and then tends toward saturation. The substitu-
tion of the Lavsan film for the titanium foil causes the
pump energy to increase by 1.6 times.

First, we optimized the component ratio SFz/H, in
the mixture as a function of the gas pressure and the
pump energy density. Figure 2 presents the lasing
energy density per square centimeter versusthe compo-
sition of the mixture for one-side excitation. It is seen
that, as the component ratio varies in the range
SF, : H, =(20-100) : 1, the energy density remains vir-
tually the same both near the foil, where the pump
energy density is high, and far away from it (lower
energy density). Thisis true both for 0.5 and 1 atm. It
follows that the same component ratio can be used in a
wide range of our experimental conditions. Therefore,
al the results presented below were obtained for the
ratio Skg: H,=50: 1.

In the first series of experiments, the electron beam
was injected into the laser chamber through the tita-
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Fig. 1. Pressure dependence of the electron beam energy
deposited into the SFg gas through (1, 3) titanium foil and
(2, 4) Lavsan film in the (1, 2) two-side and (3, 4) one-side
pump modes.
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Fig. 2. Laser output density vs. the concentration ratio
SFg/H, under one-beam excitation through the titanium foil
at a gas pressure of (2, 3) 0.5 and (1, 4) 1 atm. Measure-
ments were made (1, 2) 2 and (3, 4) 10 cm away from the
foil.

nium foil. We compared the parameters of laser radia-
tion for one- and two-side excitations. Since the diode
parameters were close to each other, switching of the
second diode raised the pump energy nearly twofold.
The laser output versus the gas pressure in these two
casesisdepicted in Fig. 3a. For comparison, thisfigure
also shows the pressure dependence of the output
(curve 4) calculated as a sum of the outputs obtained
when the beams pump the laser independently. In the
pressure range from 0.3 to 0.7 atm, the behavior of the
laser output in the two-beam pump mode (curve 3) is
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Fig. 3. (1-4) Laser output and (5, 6) lasing efficiency vs. the
pressure of the gas mixture excited through the (a) titanium
and (b) Lavsan foilsfrom (1) one side, (2, 6) the other side,
and (3, 5) both sides simultaneously. (4) The sum of cur-
ves1and 2.

seen to be normal. Anomaly appears when the pressure
exceeds 0.7 am (i.e., the energy decreases with pres-
sure). First, the lasing energy (laser output) decreases
with the energy deposit up to 1 atm and, second, thelas-
ing energy decreases when the energy of either beam
(in the case of independent pumping) rises (curves 1
and 2).

Of certain interest is the output density distribution
over the laser beam section for various pressures. The
record of the output radiation on thermosensitive paper
(autograph) indicates that the energy distribution is
nearly uniform over the 12 x 12-cm section at 0.5 atm,
though several local spots of higher and lower densities
are also abserved. Raising the pressureto 1 atm lowers
the energy density in the central part of the beam
(Fig. 4).

The laser output density was measured in both the
one- and two-beam pump modes. Figure 4 plots the
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Fig. 4. (1-3) Laser output density distribution in the two-
beam pump mode and (4, 5) the calculated sum of the par-
tial energies for a gas pressure of (1, 4) 0.5, (2) 0.9, and
(3,5 0.7 atm.

energy density distribution between the titanium foils
for three values of the gas pressure in the two-beam
mode. It isevident that the distribution isfairly uniform
for all the pressures. The maximal energy density, as
well asthetota energy, is maximal at 0.7 atm. At pres-
sures of about 0.9 atm, the energy density drops bothin
the central part of the chamber and near the foils. Thus,
the behavior of thelaser output density, aswell as of the
total laser output, at pressures above 0.7 atm can be
regarded as anomalous in terms of this paper.

At the second stage of the experiment, when a
Lavsan film was used as an energy adsorbent and, cor-
respondingly, the pump level was increased by afactor
of 1.6, the amount of the total energy remained almost
the same (Fig. 3b). In this case, the estimated sum of
two partial energies under separate operation of the
diodes exceeds the energy in the two-beam mode
throughout the pressure range (from 0.40 to 0.95 atm).
In other words, the range of anomaly (an excess of the
calculated lasing energy over the experimental value)
expands and shifts towards lower pressures.

The lasing efficiency (the output-to-deposited
energy ratio) invariably grows as the pumping level
decreases (Fig. 3). This was observed both when the
gas pressure declined and when the Lavsan film was
changed to the titanium foil. The efficiency was maxi-
mum (5%) in the two-beam pump mode with the tita-
nium foil at a gas pressure of 0.3 atm. Remarkably, for
pressures above 0.7 atm, the lasing efficiency in the
one-beam mode with the titanium foil was higher than
in the two-beam mode.

Figure 5 demonstrates the time waveforms of two
successive laser shots for the same gas mixture in the
TECHNICAL PHYSICS Vol. 50
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presence of thetitanium foil. The waveform of the sec-
ond shot is seen to differ considerably.

DISCUSSION

Thus, the most remarkable feature emerging from
the set of our experimental datais a decrease or adis-
proportionate increase in the laser output with pump
energy, as vividly follows from Figs. 1 and 3. The
former showsthat (i) arise in the gas pressureto 1 atm
increases the energy deposit under all experimental
conditions, (ii) the energy deposit increases approxi-
mately twofold in the case of two-side beam injection,
and (iii) the pump energy increases by a factor of 1.6
when aLavsan filmissubstituted for titanium foil. Nor-
mally, the output must grow in proportion to the energy
deposit in al the three cases. Let us turn, however, to
Fig. 3. As the pressure exceeds 0.7 am, the output
(curves 3) declines for both the titanium foil and the
Lavsan film in the two-beam mode. With the Lavsan
film substituted for the titanium foil, the maximal out-
put increases only dightly, from 45 to 50 J (curves 2),
in the one-beam mode and remains the same, 75 J, in
the two-beam mode (curves 3). In other words, neither
substitution of a Lavsan film for titanium foil nor a
change to two-beam pumping result in an expected
increase in the laser output.

The feature discussed above is most probably
related to alarge amount of the space chargeforming in
the plasma [5, 6]. Indeed, if an electron beam imparts
charge g to the gas, the resulting plasma is bound to
carry the same charge g by virtue of the continuity
equation, which statesthat the chargeisthe same at any
point of a medium. The beam electronswill movein an
electric field that arises in the plasma bearing space
charge g. In normal gases, where the concentration of
plasma electrons is high, the plasma conductivity is
fairly high and the electric field of the space charge is
low. For example, the electric field in an electron-beam-
excited KrF laser was estimated as 0.8-1.0 kV/cm [10]
(at the center of alaser chamber 20 cm in diameter, the
potential does not exceed 10kV). Thisfield slowsdown
fast electrons moving in the active volume. However,
since electron energiesin excimer lasersrangetypically
from 300 to 500 keV, the electron energy spent on work
againgt this field is insignificant. Note that the fraction
of an electronegative gas in the gas mixture is about
0.1% for aKrF laser (F,) and 98% for an HF laser (SF).
Because of such ahigh Sk concentration inthe SF—H,
mixture, the attachment rate of plasma electrons in an
HF laser is by three orders of magnitude higher than
that in an excimer laser. It follows that the plasma con-
ductivity is substantially lower and the electric field is
appreciably higher than in excimer lasers. Note that
conduction in the plasma of HF lasers may be both
ionic and electronic. Slowing down of fast electrons by
the space charge means that part of the kinetic energy
of the beam is converted to the potential energy of the
electric field. The kinetic energy cannot disappear at
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Fig. 5. Time waveforms of (a, b) the first laser shot in the
central part of the beam and (c) the second shot at the beam
periphery. The gas pressure 0.7 atm, two-beam pumping
through the titanium foil.

all: it is spent on motion of heavy ions and electrons
whose energy is insufficient for excitation and ioniza-
tion of the mixture components and eventualy is
merely converted into heat.

It seemsthat the influence of the space chargein our
experimental conditions is so strong that it noticeably
decreases the laser energy. This effect is highlighted
when the pressure in laser mixture exceeds 0.7 and
0.3 atm in the cases with the titanium foil and Lavsan
film, respectively (Fig. 3). At these pressures, thelasing
energy observed in the experiments with two-beam
pumping becomes lower than the calculated sum of the
partial energies of the beams. In both cases, the average
energy deposit into the gas is roughly the same, 60—
70 JI. This energy level can be therefore considered as
critical in our experimental conditions: from this point
on, the space charge in the plasma has an appreciable
effect on the lasing efficiency and laser output. Accord-
ingly, one can estimate a critical level of the space
charge associated with the electron beam; in our case, it
equals (3.0-3.5) x 10 CII.

The maximal lasing efficiency, 5%, isattained in the
experiments with the titanium foil in the two-beam
pumping mode at a pressure of 0.3 atm (Fig. 3a). In
one-beam pumping mode at the same pressure, the effi-
ciency reduces to 4% because of nonuniform excita-
tion. For pressures above 0.7 atm, the efficiency in the
one-beam mode is higher than in the two-beam mode.
It is likely that the effect of the space charge is
enhanced in the latter case. The use of the Lavsan film
increases the pump power but diminishes the efficiency
to 3%. In all the cases, the lasing efficiency lowerswith
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rising pressure. It seems likely that the effect of the
space charge in the case of the titanium foil takes place
at pressures from 0.3 to 0.4 atm too but is much weaker
than at higher pressures.

The time waveform of HF laser shots also deserves
attention. Asarule, they looked as though consisting of
two time-separated components (Fig. 5). Upon the sec-
ond switching of the laser with the same mixture, the
delay time between the components was longer. Why
the shots have such a form remains unclear; it is not
improbable that there appears an additional mechanism
of HF molecule formation with the participation of
molecular fluorine[7, 8].

CONCLUSION

The investigation into the energy parameters of the
HF laser asfunctions of the energy density delivered by
the electron beam (pump power) showsthat ariseinthe
pump level above 60—70 J/I leadsto adecrease or adis-
proportionate increase in the laser output. When the
pump level exceeds 30 J/I, the lasing efficiency drops
irrespective of experimental conditions. To raise the
efficiency, it seems advantageous to reduce the el ectron
beam current density (i.e., to lower the density of
energy deposit) and still leave the electron energy the
same. This conjecture is supported by earlier results[5,
6, 8], which indicate that, at low densities of the elec-
tron beam, the laser normally operates with a high effi-
ciency [8], while at elevated current densities, the elec-

IVANOV, LOSEV

tron beam in the gas and the lasing parameters behave
in an unusua manner [5, 6].
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Abstract—Stimulation of atmospheric precipitation by acoustic wavesis considered. Theinteraction of acous-
tic waveswith fog particles and the acousti c coagul ation phenomenon are analyzed. It is proposed that the effect
of amplification of sound in a weakly ionized gas be used to prevent sound decay away from the sourcein a

foggy environment. © 2005 Pleiades Publishing, Inc.

Artificial stimulation of precipitation remains a
challenging problem of environmental technology. Pio-
neering experiments in this field were carried out as
early as at the beginning of the 20th century [1]. This
problem constitutes a part of the more general problem
of atmospheric control, including such issues as fog
dispersion; hail prevention; remova of atmospheric
freon, which attacks the ozone layer of the Earth; and
others.

Stimulation of precipitation is considered a very
promising technique for drought prevention. Artificial
rainfall was first accomplished in the Netherlands in
1931 by aircraft-aided infusion of fine-grained solid
carbonic acid into supercooled clouds. The intensity of
thoserainswaslow because of asmall vertical extent of
the clouds subjected to the reagent, and so this attempt
was not appreciated that time.

Efforts to stimulate rainfall by dispersing active
reagents in clouds proceeded after World War Il in
many countries and were accompanied by relevant
computations and thorough analysis of the results.
Later, more advanced (electrical, acoustic, and laser)
methods were employed to cause artificial rainfall [1].

In this study, we consider rainfall stimulation by
acoustic waves. A basic disadvantage of thismethod is
decay of sound waves propagating in the atmosphere. It
appears, however, that this drawback can be overcome
by using the effect of sound amplification in weakly
ionized gases.

Let us synopsize the publications concerned with
acoustic stimulation of precipitation [2—-8]. In[2], evap-
oration of dropsin relation with temperature pulsations
due to the periodic compression and expansion of the
air under the action of acoustic waves was studied. It
was shown that drops of a certain critical radius may
evaporate under these conditions because of atempera-
ture rise. Large drops, whose temperature remains con-
stant, may merge together when subjected to a strong
acoustic field. In [3, 4], the coagulation process was
described using a stochastic approach and numerical
simulation. To this end, the drop size microdistribution

in uniform fog was calculated. It was found that, 5 s
after exposure of a cloud with awater vapor content of
2 g/m? to sound waves with afrequency of 300 Hz and
intensity of 140 dB, a maximum in the drop size distri-
bution shifts towards larger values. Within 15 min of
sound application, another (degenerate) peak appears
near 500 um, which corresponds to precipitation.

Interaction between sound waves and suspended
particles was touched upon in [5, 6]. It is established
that such systems feature unstable equilibrium, which
leads to coagulation of drops. In this case, coagulation
is due to a collective field produced by the hydrody-
namic interaction of particles rather than by pairwise
attraction between particles aswas noted in [3, 4].

In [8], experiments with artificial fog in a 500-m3
chamber were described. Sound waves were generated
by an audio-frequency generator with an output power
of up to 20 kW [9]. The waves were emitted through a
horn radiator. The field with a frequency in the range
from 170 to 200 Hz turned out to be the most efficient.
Low-intensity (below 1.7 x 103 W/cm?) sound acceler-
ated fog dispersion by 20-30 times and drastically
changed the fog microstructure. Full-scale experiments
inthe frequency range from 100 to 300 Hz with a sound
intensity at the end of the horn ranging from 0.12 to
0.21 W/cm?, which corresponds to 150 dB [10], were
also performed. At a distance of 3040 m from the
source, appreciable changes in cloud drops were
observed: the higher the water content in the fog, the
more profound and faster the changes. Also, the sound
field with the parameters mentioned above caused
changes in the fog microstructure. The experiments
indicated that the effect of sound waves on the fog
grows with acoustic power. Review [8] outlines the
resultson chemical stimulation of precipitation near the
Sevan lake, which is at an altitude of 1900 m. The
Sevan lake (atotal surface areaof about 1200 km?), sur-
rounded by the Gegamskii and Vardenisskii ridges, rep-
resents a unique test areafor acoustic-wave stimulation
of precipitation.
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The basic difficulty associated with acoustic stimu-
lation of precipitation is the damping of sound waves
with distance from the source. In the idealized case of
isotropic propagation, when neither scattering nor
absorption of the sound is taken into account, the
acoustic intensity decreases proportionally to the
squared distance to the source. Actually, however, both
scattering and absorption take place under natural con-
ditions (thisis especially true for fog, where these pro-
cesses are moreintensethan intheair); accordingly, the
damping is even a stronger function of distance. It is
this situation that was observed in the experiments
under natura conditions[7].

A possible way of preventing acoustic wave damp-
ing in fog is to take advantage of the phenomenon of
sound amplification in weakly ionized molecul ar gases.
This effect is explained by the nonradiative V-T relax-
ation of gas molecules from their vibrational excited
states. During relaxation, the energy is transferred to
the wave, thereby increasing itsintensity. In[11-14], a
linear theory of sound wave propagation in amolecular
gas was developed that disregards mutual interaction
between the wave and an amplifying medium. A theory
elaborated upon in [15, 16] includes this effect.

Amplification of acoustic waves from an external
source that travel along a positive column of aglow in
a molecular gas was studied in [17, 18]. The experi-
ments were carried out in pure nitrogen and a nitrogen—
oxygen mixture at gas pressure P =78 mmHg inadis
charge tube with an inner diameter of 9.8 cm. A sound
wave of frequency 170 Hz was introduced into the dis-
charge by an electrodynamic radiator fixed at one of the
tube ends. A microphone was placed at the opposite end
behind the electrode.

The amplification coefficient for a sound wave of
intensity J = 72 dB in the nitrogen discharge (a dis-
charge current of 120 mA) was found to be K; = 5.6 n™.
Inthedischargeinitiated inan N, + 10%0, mixture, the
amplification coefficient increased to K; = 8 m™. Thisis
because the constant of oxygen-induced vibrational
relaxation of nitrogen is two orders of magnitude
higher than in the case of nitrogen-nitrogen relaxation.
It should be noted that the rate of the vibrational relax-
ation of nitrogen due to water moleculesisthree orders
of magnitude higher than that due to nitrogen. This
means that the amplification factor of a sound wave can
be considerably increased by adding a small amount of
water vapor to a weakly ionized nitrogen plasma. It is
therefore interesting to investigate amplification of
sound in weakly ionized gases at elevated pressures up
to the atmospheric value.

Another challenge associated with sound stimula-
tion of precipitation is provision of weakly ionized air
asamediumwith vibrationally excited moleculesinthe
way of asound wave. In the fog, such an ionization can
be produced by using microwave radiation, laser
beams, or electric fields. Below, we will briefly discuss
ionization of the atmosphere by microwaves without
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considering a number of attendant effects, such as a
change inthe electric potentia of acloud and growth of
drops, which may enhance coagulation, and others.

Monograph [19] deals with theoretical and experi-
mental investigation into the formation of artificialy
ionized areas in the air by means of high-frequency
electric fields. The feasihility of creating such areas at
altitudes between 30 and 40 km to establish reliable
communication isanalyzed. It is supposed that amicro-
wave discharge be initiated by two or more crossed
beams of radio waves. The results of model |aboratory
experiments with microwave discharges are described.

Generation of a microwave discharge in the tropo-
sphere aimed at eliminating the freon contamination,
which attacks the terrestrial ozone layer, from the air
basin is considered in [20, 21].

An electrodeless dischargein the air isinitiated by a
high-frequency electric field. The electrons moving in
this field and colliding with neutral air molecules gain
an energy sufficient for ionization. When a certain crit-
ical ionization frequency is exceeded, the gas breaks
down, causing an exponential increase in the electron
and ion concentration with time: n, ~ exp(yt), wherey;
is the ionization frequency, which rapidly rises with
high-frequency field amplitude.

A dischargeinitiated in high-pressure (to 500 mm Hg)
gases by a train of microwave pulses is discussed in
[19, 21, 22]. Specificaly, the initiation of a microwave
discharge in air by pulses with wavelength A; = 2 cm,
duration 1; = 10-30 s, and repetition rate f = 2 Hz is
considered. A special feature of thisdischargeis spatial
inhomogeneity: the electron concentration is high in
the central part, where n, (010'-10'" cm~3 and the el ec-
tron temperature is T, 05 eV, and low at the periphery
(n, 010 cm3, T, = 0.5-0.7 eV). The electron concen-
tration rapidly drops within 10 ps after the pulse and
then tends toward a quasi-steady-state value with a
slow decay of the plasma.

Let us estimate the V-T relaxation time in a micro-
wave discharge at an air pressure of 700 mm Hg. Late
in the decay, the gas temperature in the plasma lowers
substantialy; let it be 300 K. In pure nitrogen, the V=T
relaxation constant isk,; 010716 cm3/s[23]; in the case
of plasma gquenching by molecular oxygen, k; 02.3 x
10716 cm3/s [24]; and for quenching by water with a
temperature ranging from 300 to 963 K, ky O
10738 cm?3/s [25]. The time of vibrational V-T relax-
ation in the fog (an N, + O, + H,O mixture) can be
found by the formula[24]

1 _ 1P, 1P 1P

Tyt Tyr2 P Tyrs P

where P, P,, and P; are the partial pressures of nitro-
gen, oxygen, and water vapor, respectively, in the atmo-
spheric air and Ty1y, Ty, aNd Ty13 arethe times of nitro-
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gen quenching by nitrogen, oxygen, and water, respec-
tively.

Assume that the water vapor content in the air
equals 2 g/m3, which corresponds to a partial pressure
of about 1 mm Hg under the conditions considered.
Calculation by the above formulayields t,; 0.5 x 10~
3 sfor the relaxation time of vibrationally excited nitro-
gen in the plasmaof humid air. Taking into account that
a sound wave acting on the fog should have frequency
f between 100 and 300 Hz, we obtain T, < 1. That is,
in the fog, the relaxation frequency of vibrationally
excited levelsis appreciably higher than the sound fre-
guency and so the acoustic wave will be amplified.

The results given in [21, 22, 26] suggest that a
microwave discharge under field conditionsis feasible.
It is known that the microwave discharge plasma
decays slowly. Therefore, generating microwave dis-
charge pulses with arepetition rate of several hundreds
of hertz for several seconds, one can create a plasma
object that, being exposed to asound wave, amplifiesit,
causing precipitation at large distances. For long-range
probing, it seems reasonable to apply synchronous
scanning by radio and sound waves.

Consider the altitude dependence of the relative

sound pressure using the formula P = ,/2JpV, [27],

where Jisthe sound wave intensity, p isthe gasdensity,
and V, is the sound velocity.

The figure shows relative sound pressure P/P, ver-
sus the atmospheric pressure (atitude). Here, P, is the
sound pressure a an atmosphere pressure of 760 mm Hg
(the measurements were taken near the lakes Sevan and
Issyk-Kul, which are at an altitude of 1900 and 1600 m,
respectively, which correspond to atmospheric pres-
sures of about 600 and 620 mm Hg). As follows from
the figure, the relative sound pressure grows with a
decrease in the atmospheric pressure for intensity J =
150 dB and air temperature t = 0°C. Therefore, high-
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atitude regions are preferable as test areas for experi-
ments on precipitation stimulation.

In conclusion, note the following. As is seen from
the plot, the efficiency of precipitation stimulation
grows with altitude at a constant sound intensity. Fur-
thermore, the stimulation will be more efficient if an
acoustic generator with aradiator is aboard an airborne
vehicle. In this case, acoustic waves propagating
through acloud oppositely to the direction of flight will
leave atracein the form of coagulated drops. A suitable
vehicle could be a helicopter because of its ability to
vary the flying height and move through a cloud with a
high moisture concentration to provide intense coagu-
lation. With parameters of an acoustic generator chosen
optimally, the shuttle of a helicopter through clouds
would stimulate precipitation.

This method can be used for dissipation of clouds
proneto hail formation over terrainsthat frequently suf-
fer from damage done by hail.
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Abstract—Integrated phase shifters with a periodic structure that includes BaSrTiO; ferroelectric varactors
parallel- and series-connected to the transmission line are investigated theoretically and experimentally. The
phase shifters are designed for the frequency range 26-32 GHz. The dispersion characteristics and insertion
losses in the transmission line of the phase shifters are analyzed with regard to the dependence of the capaci-
tance and loss tangent of the varactors on control voltage and temperature. It is shown that parasitic amplitude
modulation in the phase shifters can be suppressed if the connection scheme of the varactors takes into account
the voltage dependence of the their loss tangent. In the phase shifters with series-connected varactors, the tem-
perature dependence of the phase shift is much weaker than in those with parallel-connected varactors. © 2005

Pleiades Publishing, Inc.

INTRODUCTION

The phase shifter (PS) is a basic component of
phase-scanned arrays used in radars and communica
tions (including satellite communications) systems.
Phase shifters based on ferrites and semiconductor
diodes are now the most popular [1]. Simultaneously,
research is under way on developing PSs with micro-
electromechanical [2] and piezoelectric [3] systems, as
well as ferroelectric PSs[4, 5]. Ferroelectric PSs seem
to be very promising, since they offer a high speed of
phase shift control, wide dynamic range, and good radi-
ation hardness. In addition, they are cheap and easy to
fabricate. At the same time, ferroelectrics have a num-
ber of disadvantages from the standpoint of their usein
microwave PSs, such as a high temperature coefficient
of the permittivity and, under certain conditions, a sig-
nificant voltage dependence of the loss tangent. The
first disadvantage imposes stringent requirements for
thermal stabilization of the ferroelectric devices. The
second causes the parasitic amplitude modulation of a
valid signal when its phase is voltage-controlled. Note
that the dielectric losses as a function of voltage may
both increase and decrease at different frequencies,
depending on the composition of and the defect density
in ferroelectric films [6, 7]. Temperature stabilization
schemes for film ferroelectric PSs were described in
[5], but they were not validated by electrodynamic anal-
ysis.

In this work, we demonstrate the possibility of sup-
pressing the negative effects mentioned above by ana-
lyzing transmission lines regularly terminated by
series- or parallel-connected ferroelectric varactors.
The analysis of the structuresis made in wide ranges of
frequencies (1-60 GHz), temperatures (78-320 K), and

control fields (040 V/um) [6-9]. The experiments
were carried out on integrated PSs built around slot and
microstrip lines. The interconnection of theselineson a
BaSrTiO; ferroelectric film provided periodic switch-
ing of the varactors. It is shown that the experimental
data corroborate analytical results.

1. PHASE SHIFT AND INSERTION LOSSES
IN THE PHASE SHIFTERS

Coplanar, dot, and slot—-waveguide lines are the
most appropriate for PSswith parallel-connected ferro-
electric varactors, while amicrostrip line is best suited
for PSswith series-connected varactors. Figure 1 shows
parts of the periodic structures and equivalent circuits
of aPS cell based on slot and microstrip lines. Therela-
tionship between the wave propagation constant (y =
B +ja) and parameters of the cell componentsisasfol-

lows[7]:
coshyl = cosh(B +ja)l = 1+YZ, (D)

where

Y = j%(otanﬁ—0 +wC%+than6,

Z = jZySinByl + 20,2l
for the circuit with parallel-connected varactors and
Y = jY,sinfl,

_ Bol lD tand
Z = ]%Otan7—— o

for the circuit with series-connected varactors.

)

+a,Zl
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Fig. 1. (a) Slot and (b) microstrip transmission lines regularly terminated by varactors. R;, L, and C; are the related parameters per

unit length of the unterminated lineand Y,, = jwC + wCtand and Z, = —/wC + tand /wC are the conductance and resistance of the
varactor in the circuit with parallel- and series-connected varactors.

In the above expressions, Z, = 1/Yy, By, and o, are
the characteristic impedance, propagation constant, and
damping constant of the unterminated transmission
line, respectively; | is the length of the cell; and C and

tand are the capacitance and loss tangent of the ferro-
electric varactorsinserted into the line.

Substituting the cell parametersinto (1) and separat-
ing thereal and imaginary parts, one can obtain the dis-
persion relations and relationships for the insertion
losses per cell and characteristic impedance of the line,

cosP,l = cosByl —Z,wC(U, T)sin,l, 3

L,(dB) = 8.68[ZOwC(U, T)tand(U, T)sin,|

(4)
+ 20, %an% +Z,wC(U, T)%} cosBpI,

Zyp = [(Yc08ecB,l)? — (WC — Y, cosecBol) ] -05 (5)
for the PSs with parallel-connected varactors and

Y .
cosP = cosP,l +W&T)snﬁol, (6)

L(dB) = 8.68 tand(U, T)sinB,|

O 0
CC(U, T)

)
+ alol sinfol HeosecB,

2-0.5
Z. = [(ZocosecBOI)z—%o—lc+ ZocotBOIE} )

for the PSs with series-connected varactors.

For further analysis of thelinesregularly terminated
by ferroelectric varactors, it is necessary to know the
microwave properties of the ferroelectric components
and their response to a control voltage. Typical temper-
ature dependences of the capacitance, C(T), and fre-
guency dependences of theinsertion losses, tand (f), at
different control voltages for varactors made of highly
oriented near-single-crystalline BaSrTiO;  films
obtained by magnetron sputtering [8, 9] are depicted in
Fig. 2. It is noteworthy that capacitance C(T) remains
amost constant in a wide temperature range when a
maximal control voltage is applied. Note also that the
monotonically descending dependence C(U) is charac-
teristic of ferroelectric films irrespective of their com-
position and degree of imperfection. However, the run
of the voltage dependence of the microwave dielectric
losses varies in accordance with the composition of the
film, defect density in it, and measurement frequency.
For example, for highly imperfect BaSrTiO; films
obtained by the ceramic technology [6], the frequency
dependences of tand taken at different bias voltages
exhibit a crossover (Fig. 2c), unlike the dependences
for the near-single-crystalline films. Thus, when
designing microwave shifters, one should take into
account the voltage dependence of the microwave
losses in the ferroelectric film in order to suppress
amplitude modulation, which inevitably arises in a

device with variable insertion losses L(tand (U)).

Using Fig. 2a, wewill analyzethe phasevariationin
the structures with series- and parallel-connected var-
actors when the temperature varies in the range T,;—
Tmax @Nd the control voltage variesin the range 0-U, ...
Figure 3 plots the phase shift per cell versusits electri-
cal length at different ratios Zy/X. = ZywC, where Z; is
the wave impedance of the unterminated line and X, is
the characteristic reactance of a ferroelectric varactor.
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From these dependences, as well as from the curves
C(T, U), the following conclusions can be drawn. At
maximal temperature T, ahd maximal control voltage
U @pplied to the PS with parallel-connected varac-
tors, the phase shift per cell isAd (T, (for example, in
going from point 1 to point 2; Figs. 2aand 3). The num-
ber of cellsisn = 360 deg/Ad(T, ) At minimal oper-
ating temperature T,,;, and U = 0, the capacitance of the
varactor grows (point 3). At T, and U, the phase
shift per cell is Ad(T,,,) (transition from point 3 to
point 2). The additional phase shift dueto atemperature
changeisobviously equal to AQ(T) = ¢(T,in) — P (Trae)-
Similarly, considering the curvesin Figs. 2a and 3 for
the PSs with series-connected varactors, we note that
Ad(T) > Ad(T); that is, the range of temperature-
related phase variation (transition from point 1 to point
3 and vice versa) in the case of series-connected varac-
torsisalwayswider than for varactors connected in par-
allel. Remarkably, thisinequality holds at any Zy/X. and
any electric length Byl of the cell provided that
NAG(Te) = 360°. Thus, one may infer that the PSs
with series-connected varactors are preferable asto the
effect of temperature on the phase characteristics.

Consider the possibility of suppressing parasitic
amplitude modulation in these structures with regard to
different dependences tand (U) for varactors based on
various films (Figs. 2b and 2c). From expressions (4)
and (7) for theinsertion losses, it follows that ferroel ec-
tric varactors are magjor contributors to the PS losses. It
is noteworthy that the losses of parallel-connected var-
actors are proportional to the capacitance multiplied by
the loss tangent, L, ~ C(U)tand (U), while for series-
connected varactors, the losses vary as the ratio of the
above quantities, L~ tano (U)/C(U). Itisclear that, for
varactors with the descending curve tand (U) (higher-
than-crossover frequenciesin Figs. 2b and 2c), parasitic
amplitude modulation in the PS can be effectively sup-
pressed when the varactors are connected in series. In
the opposite case of the ascending curve tand (U)
(lower-than-crossover frequencies in Fig. 2c), the
undesired effect can be effectively suppressed by con-
necting varactorsin parallel.

2. PHASE SHIFTER DESIGN
AND EXPERIMENTAL RESULTS

In this work, we experimented with integrated PSs
based on slot and microstrip transmission lines with
series- and parallel-connected varactors. The devices
represent a multilayer structure (substrate, BaSrTiO,
film, and metallization). The metallization on the ferro-
electric film provides periodic switching of the varac-
tors. The Bay3Sry7TiO; film =1 pm thick was applied
on a0.5-mm-thick Polikor substrate by high-frequency
magnetron sputtering. Metallic electrodes 0.4 mm long
and =5 pm apart were made by copper evaporation with
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Fig. 2. Temperature dependences of the (a) capacitance (the
film thicknessis =1 pm; the metallic electrode spacing and
length are =5 pm and 0.4 mm, respectively) and the fre-
quency dependences of the loss tangent for varactors made
of (b) highly oriented and (c) ceramic films at different con-
trol voltages.

subsequent gold plating. The controllability of the var-
actors (which is defined as a relative change in the
capacity dueto application of acontrol voltage) isequal
to

C(U =0) 020

K= 0. =a00v) 2

The ferroelectric film had a descending dependence
tand (U) similar to that shown in Fig. 2b. The inte-
grated PS based on the periodic structure with varactors
connected tothedlot linein parallel hasn =11 cellsand
isschematically depicted in Fig. 4a. The PSis soldered
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Fig. 3. Dispersion relations for the phase shifters with parallel- (dashed lines) and series-connected (continuous lines) ferroelectric

varactors at different ratios Zy/X..

in the slot line made of the Rogers RT/Duroid 6002
material [10] and mounted on the E plane of a
waveguide. The ferroelectric phase shifter is matched
to the waveguide by means of exponential-line trans-
formers. To apply a control voltage to the ferroelectric
component, one of the electrodes on the transmission
lineisinsulated from the body of the waveguide with a
20-um-thick mica plate.

The PSwith series-connected ferroel ectric varactors
isshown in Fig. 4b. It is based on aregular microstrip
line with a ferroelectric film and also consists of
11 cells. The structure is matched to the microstrip line
with two step quarter-wavel ength transformers. In both
types of PSs, the decoupling of the microwave and con-
trol circuits was accomplished with a low-pass filter
and equaled —20 dB and the reflection coefficient
exceeded —15 dB in the frequency range 26-32 GHz.

Figure 5 demonstratesthe analytical and experimen-
tal frequency dependences of the transfer coefficient
and phase shift of the devices with series- and parallel-
connected ferroelectric varactors. These dependences
strengthen the earlier conclusion that the amplitude
modulation of the transfer coefficient in the PSs with
series-connected varactors can be suppressed in the
case of the descending curve tand (U). Additional tem-
perature-related phase shifts at the zero control voltage

(a) FE varactor
Slot line based on
“Rogers” material U

. Ferroelectric
slot line

Low pass
filter

Waveguide wall

Mica Waveguide wall

(b)
Ground Ferroel ectric varactor
N~
Microwave MW
input output
Low pass °
filter U, Vv

Fig. 4. Schematic of the phase shifterswith (a) parallel con-
nection of the varactors to the slot line and (b) series con-
nection of the varactors to the microstrip line.
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Fig. 5. Analytical and experimental frequency dependences
of the insertion losses and phase shift at various control
voltagesfor (a) parallel- and (b) series-connected varactors.

in the two structures considered are shown in Fig. 6.
The earlier conclusion that series connection of the var-
actors raises the temperature stability of the phase shift
in the PS is supported again. Note, however, that the
temperature stability of the structure, while consider-
ably improved by properly choosing the circuit design,
istill insufficient: the temperature coefficient of phase
(TCP) at series connection of varactors, Ky[A¢/AT] U
1deg/K (Fig. 6), remains too high for a number of
applications. When the varactors are connected in
paralel, the TCP equals 2 deg/K. The TCP can be
raised further (up to K, — ) by applying atempera-
ture-dependent control voltage to the ferroelectric var-
actors[11].

Based on the experimental data, we estimated the
figure of merit of ferroelectric PSs,

= £¢ deg/d
" JL(U=0)L(U = umax)[ el O

The data for F represented in Fig. 7 demonstrate
good agreement between the analytical and experimen-
tal data. Thefigure of merit in the frequency range con-
sidered is rather high, F = 60 deg/dB. Note that the
experimental figure of merit for the structure with
series-connected ferroelectric varactors is somewhat
lower than the analytical value. Thisisbecause the con-
trol circuits influence the characteristics of the ferro-
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Fig. 7. Analytical (continuous lines) and experimental (data
points) frequency dependences of the figure of merit of the
phase shifter for (a) parallel- and (b) series-connected var-
actors.

electric capacitors, impairing the controllability of the
ferroelectric varactors.

CONCLUSIONS

Based on the microwave properties of ferroelectrics
and theoretical analysis of periodic structures with
series- and parallel-connected ferroel ectric varactors, it
is demonstrated that parasitic amplitude modulation in
the PSs can be suppressed and their temperature stabil-
ity and other parameters can be improved by properly
choosing the circuit design. Our theoretical statements
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are validated in experiments with two types of inte-
grated phase shifter intended for the frequency range
26-32 GHz. Specifically, the figure of merit of the
device reaches 60 deg/dB.
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Abstract—The autoresonant mechanism of acceleration of relativistic electrons by combined Gaussian laser
radiation, which consists of radiation of the lowest and first modes, is considered. It is shown that acceleration
by combined radiation is more effective than accel eration by Gaussian beams of the lowest or the first mode. ©

2005 Pleiades Publishing, Inc.

INTRODUCTION

The cyclotron autoresonance mechanism discov-
ered in 1962 by Kolomenskii, Lebedev, and Davy-
dovskit [1, 2] forms the basis of one of the promising
vacuum methods for accelerating charged particles
[3-8]. The interest in the autoresonant acceleration
method has increased substantially after the develop-
ment of high-power laser radiation sources. According
to calculations, the rate of acceleration in an autoreso-
nant laser accelerator may be comparable to the rate of
acceleration attained in plasma acceleration methods
(on the order of GeV/m) [6-8]. Under definite condi-
tions, an autoresonant accel erator may serve asasource
of afemtosecond planar electron beam [7].

Theoretical analysis of the autoresonant accelera-
tion mechanismisusually carried out by approximating
accelerating laser radiation by a Gaussian beam of the
lowest mode; in this case, the condition that the electric
field of radiation in free space must satisfy the equation
divE = 0isnot always observed. In general, laser radi-
ation in the quasi-optical approximation is a superposi-
tion of Gauss-Hermite beams of various modes [9].
Analysis of autoresonant acceleration of electrons by a
Gaussian laser beam of the first mode revealed that the
rate of acceleration by the first-mode beam may be
higher than by the lowest-mode beam under definite
conditions [10]. This means that the choice of acceler-
ating laser radiation of the lowest mode is not optimal.
In this connection, we consider here the mechanism of
autoresonant acceleration of electrons by combined
laser radiation formed by the beams of the lowest and
first modes. It will be shown that on the segment corre-
sponding to accel eration, the motion of electrons can be
treated as autoresonant to a high degree of accuracy and
than the effectivity of acceleration by a combined laser
beam can be higher that in the case of an individual
laser beam of the lowest mode or the first-mode beam.
The segment of autoresonant acceleration is noticeably
reduced in this case.

GAUSSIAN LASER RADIATION FIELD

In the quasi-optical approximation, the Gaussian
monochromatic radiation is described by a parabolic
equation. In the case of axisymmetric beams propagat-
ing along the z axis, this equation has the general solu-
tion in the form of alinear superposition of modes[9]

An(0)

A(r,z) = exp{-¢} Z W La[]. (D)

Here, T = r¥a%(1 + iD), wherer = /x* +y’ isthe dis-
tance from the beam axis (z axis), a is the waist of the
beam, D = 2z/ka? = z/z; is the dimensionless diffraction
length, k= 217\ = w/cisthewave number, wisthewave
frequency, c is the velocity of light in vacuum, z =
ka?/2 isthe Rayleighlength, and L({) arethe mth order
Chebyshev—Laguerre polynomias. Number m cannot
be too large to remain in the range of applicability of
the parabolic equation. To analyze the motion of
charged particles, we must know theindividual compo-
nents of the accel erating radiation field. We assume that
expression (1) specifies the vector potential of the elec-
tromagnetic field, while the scalar potential is deter-
mined from the Lorentz gauge condition

_ 1,
¢ = ikdIVA'

The electric and magnetic field components of the
Gaussian beam can be determined using the familiar
formulas

E=-"2_. @

Formula (1) implies that the lowest modes have the
largest amplitudes near the symmetry axis of the Gaus-
sian beam (|{| < 1) since |Ay. 1(0)] < [A(O)/(m + 1).

1063-7842/05/5009-1201$26.00 © 2005 Pleiades Publishing, Inc.
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Let us consider laser radiation in the form of a
superposition of two Gaussian beams, one being the
beam of the lowest mode and the other the first-mode
beam. Such a combined beam can be described by the
formula

A(0) A (0)
1+iD * (1+ iD)z(l_Z)]

x exp{ -G exp{i(kz—ot)} .

We assume for simplicity that the vector potential
has only one component A,. We also represent the ini-
tial complex values of vector potential in the form

Ao 1(0) = Agexp{iag 4},

where A, ; and o, ; are the real amplitude and phase,
respectively.

In this case, using formulas (2), we obtain the gen-
eral expressions for the electric and magnetic field
components, which have arather intricate form:

A(r,zt) = [ 3

. A, B; .
E, = Eexp{i®} |1+ — exp{i(¥,-¥,+a
p{ }[ AT Pl Wira)

NG .
+ m@(p{ i(Wy—Wo)}

- m exp{i(W,— W)}

LA 4B

Agm exp{i(¥s—

W, +a)}

A, 2B, .
—————exp{i(Ws— W, +a)} } +c.c,
Poizal.[(1+ D%’
4EXY

y =

Fins 07 OO [epli(¥a- )

+ DB i we—w + ) |+ee.

Ao(1+D?)
E, = %exp{ie} [exp{i(W,— W)}
A—l(liBéz)exp{u(wa ¥, +a)
et LU @
AR op(i(We- Wyt a)
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12A, B, .
- exp{i(Wgs-W,+a) ] +cc,
Ao kzaz /(1+ D2)3 8
B, = 0,
. 2
B, = Eexp{l@}{ %GXD{I(% W)
A, B, :
+—= exp{i(¥,-¥,+a
A, B, ) B
+ K;kzaz(]_ + D2) exp{ I(LIJIO l.lJl + a)}
2R’ .
- exp{i (W, - ¥, +a)} } +c.c.,
k?a2,/(1+ D?)°
2EY . )
B, = ———exp{i6} [exp{i(¥,-W.)}
ka/1+ D?
22(1 BD )exp{l(llJG Y, +a)} } + C.C.

In these formulas, the following notation is intro-
duced:

k 0O R O
E = =2 exp— %
Ji1+D? 0O1+D

is the Gaussian beam amplitude; © = @, + W, + 0, is
the Gaussian beam phase, where ©, = kz— wt + R%/(1 +
D?);
— 1,
W, = arctanD,
(1-D* - R’(1-3D?

Y, = arctan :
? 2D(1+ D% — R’D(3-D?)

1-3D? 1-D?

o Y, = arctan ;
D(3-D3) ° 2D
Ws
3D*-6D°+1)(1+D?) —R(ED"—10D% + 1),
12D(1-D* -R°D(D*-10D%*+5)

W, = arctan

= arctan

2R°D(2-D?) - 2D(3 D)(1+D)

W, = arctan
2(1-3D%) —R’(D*-6D” + 1)

Wy, =

D?-1’
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Ve

4D(D*-1) + DR?(D*-10D* +5)
(D*-6D?+ 1)(1 + D) - R(5D* - 10D*+ 1)’

= arctan

2D(3D"-10D%+ 3) .
D®—15D*+15D° -1’

W, = arctan

_ (3D°-1)(1+ D% +2R*D*-6D*+1).
D(D?-3)(1+ D% +8R°D(1-D?

5D*—10D%+1
D(D*-10D?*+5)’

= J(R-1)°+D?* B, = J(R-2)*+4D%
= J(R-3)*+9D%
= J(2R-1)*+D?

0, is the phase shift; R = r/a; X = x/a; and

Y,; = arctan

a=0,—
Y =vyla

In the quasi-optical approximation, parameter 1/ka
issmall. Consequently, not all termsin formulas (4) are
of the same order of magnitude. It can be seen that the
radiation considered here is an electromagnetic wave
with linear polarization, which is dlightly distorted by
small corrections.

EQUATIONS OF MOTION OF ELECTRONS
IN THE FIELD OF COMBINED GAUSSIAN
RADIATION

Let us consider relativistic motion of an electron in
the field of laser radiation (4) propagating along a uni-
form magnetic field By = (0, 0, B,). To separate cyclo-
tron rotation of the e ectron, we introduce the standard
substitution

P = P&, + pn(ecosO, +e,snd,). 5)

Here, p, and p, are the longitudina and transverse
momentum components relative to the magnetic field
direction and ©, is the phase of cyclotron rotation
(gyrophase). The equations of motion of the electronin
this field have a rather complex form. These equations
contain the gyrophase, the phase of the wave, and their
combinations. Such a system of eguations is called a
two-periodic (or two-frequency) system. In the case of
astrong magnetic field, gyrophase ©, istreated as afast
variable. The wave phase @, is also considered to be a
fast independent variable. In this case, the system of
equations of motion can be simplified by averaging
over fast phases [3]. The equation for the phase of the
wave “seen” by the particle must beincluded in the sys-
tem of general equations of motion of particles. In
cyclotron resonance, the difference between the cyclo-
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tron frequency and the wave frequency (with Doppler
shift) is very small (equal to zero at exact resonance).
The difference between the corresponding fast phases
in this case becomes a “slow” or “semi-fast” variable.
Such aslow variablefor electronsisthe resonance com-
bination of phases W, = ©, + ©, + W;. Since terms of
the order of 1/ka are small in the quasi-optical approx-
imation, such terms can be omitted in the equations of
motion for dynamic variables p, and p;,. However, such
small terms are significant in the equation for the reso-
nance phase since the difference between the wave fre-
guency and gyrofrequency issmall in resonance. Under
such assumptions, after averaging over fast phases (the
phase of the wave and gyrophase), and over their non-
resonant combinations, we can obtain asimplified sys-
tem of equations of motion of an electron in the com-
bined Gaussian beam under investigation:

dP, eP, eP. B,
—I = ————DcosLIJ,%—ﬁ—————-——D
dt y

A, COS(Wes + Wy + 1),
yal+ D’

dP; _ Py o
el EDy JDCOS‘-IJrS

A, €B;
Acl1+D

1 0O
%— cos(W+ W, +a)
2 res 21 ’
N1+ Dj

dy _ —e—PD cosW,
dt Y

A ePB;

Aoy [1+D?
do, _ Q e P
dt ~ y Py

COS(LPres +W, +a),

lg—sinq—'m

A, €B;

P _ Og
= 1msin(We + Wy +0)
AOPD 1+D2Dy 1D es

2e®. 1+ D" .
- 1P S”’](l'l',res"'‘?’LI'Jl)
[}
ZeB )]
P; 1S|n(qu$+qJ21)
2eR°P, D, .
= sin(Wi + OW, + 1)
vPg A/1+D
A, eP,B,®
“Ayp SN(Wiet Wyt )

4£Xd31

(Xsin(W, +5%;) —Ycos(W, +5%¥,)) (6)
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A, 2eB,®;
Aoy 1+ D2 D*

x [XSin(l'pr%"' l'p?,l + G) —YCOS(LH%"' LIJ31 + (X)] ’

A, 4eXB,D,

N(Wes+ Wy +01) + AoyP(1+ DY)

d9 _ Py_,,20% Py,
dt vy 1+D* Y
dr y
d¥, _2Do, 2Pll¢1[3R —R(D*-5) +2(D° + 1)],
dt g2 1
dw 2P®
at¥s _ 6D;D2 I 1[5R 3R(D -9+ 36(D + 1,
dt B3 3
dw, _ 4D‘2Dz 8P||¢1[R _R(D?*+2) +3(D*+1)],
dT 82 V 2
d¥s _ 4D;Dz 2|:’Ilq)l[]_aR —2R(D* + 1) + 3(D* + 1)],
dt B2  yB?
drR db _ 2P,
d'[ 2¢)2, dt - k2a2v’
dx PD dy _ PD :
o kay cosOy, at kay sno..

In this system of equations, we introduced the fol-
lowing dimensionless quantities and parameters:
momentum components P, = p/myc, Py = py/mg,
where my, is the electron mass; dimensionlesstime 1 =
wt; parameter

/1+D

where p = ekAy/mycw is the dimensionless amplitude of

the wave; y = /1 + P+ P is the relativistic factor;
and parameter Q = wy/w, Where wy = eBy/myc is the
classical cyclotron frequency. We aso introduced the
notation ®, = 1/k?a?(1 + D?),

P .
D, = yTDa[Xcos@c +Ysin®/],

Thewave phase @, istreated as an independent vari-
able along with the gyrophase [ 3, 8, 10]. Consequently,
system (6) aso contains the equation for the wave
phase, where quantity A = 2R?(1 — D?)/k?a?(1 + D?)?

MILANT’EV, STEPINA

determines the mean frequency shift of the Gaussian
radiation.

Asin the case of a plane wave, system (6) leads to
theintegral [3]

y—-P,=const=G.
If constant G isequal to Q, relation
y-P,=Q (7)

is the condition of the cyclotron resonance of the elec-
tron with the wave, which is preserved in the case of a
vacuum plane wave during the entire period of motion
of the particle. Thisis precisely autoresonance [3]. The
resonant frequency combination (7) corresponds to the
combination of phases ©, + ©.. The presence of rela-
tion (7) in system (6) is due to the fact that the above-
mentioned small terms were omitted. If we take into
account the frequency shift in Gaussian radiation, the
condition of cyclotron resonance of the particle with
the wave, in accordance with Egs. (6), will be not rela-
tion (7), but

y-P(A+1) = Q. (8

In contrast to the case of a plane wave (with awaist
a — o), cyclotron resonance condition (8) is not an
integral of motion of system (6). This means that the
condition of cyclotron resonance of a particle with a
wave in a Gaussian beam is not conserved in general
during the motion of the particle; consequently, the
autoresonant mode is ruled out. However, numerical
solution of system (6) shows that the departure from
resonance in a combined Gaussian beam over a small
distanceisactually small, so that the motion of the par-
ticle over this distance can be approximately treated as
autoresonant (Fig. 1).

NUMERICAL SOLUTION

System of equations (6) istoo complicated and was
solved numerically for this reason. Numerical solution
was carried out using the Runge—Kutta technique for a
CO, laser with radiation intensity | = 1.8 x 10> W/cm?
and wavelength A = 10.6 um under the cyclotron reso-
nance condition (8) at the instant of injection. The
width of the Gaussian beam was assumed to be a =
0.16 cm. For such parameters of the Gaussian beam,
the Rayleigh length is z; = 75.8 cm. The magnetic field
B, =100kG. It should be noted that parameter Q isvery
small for the laser radiation in question. This means
that, if cyclotron resonance condition (8) is satisfied at
the initial instant, the dimensionless longitudinal
momentum of the particle being accelerated differs
fromtherelativistic factor P, =y, only slightly. In other
words, the particles being accelerated must be ultrarel-
ativistic. For this reason, the electron injection energy
was assumed to be E = 25.9 MeV (Y, =50.8) in our cal-
culations.
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Fig. 1. Variation of the resonance frequency shift in the
direction of propagation of combined radiation. The solid
and dashed curves correspond to condition (8) and (7),
respectively.
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Fig. 3. Trajectory of an electron being accelerated and tra-
versing adistance z= 55 cm in a plane perpendicular to the
direction of propagation of combined Gaussian radiation.

We assume that the cyclotron resonance condition
(8) holds exactly at the instant of injection; we consider
particles starting on the symmetry axis (x =y = 0) of the
Gaussian beam at z = 0. The solution of system (6)
noticeably depends on theratio of the amplitudes of the
|lowest- and first-mode beams, as well as on their initial
phases. By way of example, Fig. 2 shows the depen-
dence of the particle energy onthe distancein the direc-
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Fig. 2. Accumulation of energy by a particle in the field of
a combined Gaussian beam for various ratios of the ampli-
tudes of thefirst and lowest modes and for various relations
between the phases: Aj/Ag =1, ©; =¥, =0, a = w2 (1);
A/AG=1,0;=¥;=0,0=0(2); A;/Ag=05,0,=¥ =172,
a =112 (3); A/A=010,=W=0,a =12 (4); A/Ay=
0.01,6;=¥,=0,a =12 (5); A;/Ag=0.01,0, =¥, =0,a =
0(6).
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Fig. 4. Effectivity of autoresonant acceleration of electrons
by Gaussian laser radiation: acceleration in the field of a
Gaussian beam of the lowest mode (1), Gaussian beam of
the first mode (2), and combined Gaussian beam (3).

tion of propagation of Gaussian radiation for various
ratios of the amplitudes corresponding to the first and
zeroth modes and for various relations between the
phases. It can be seen that, in a certain range of param-
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eters, electrons accumulate a substantial energy over a
small distance on the order of half the Rayleigh length;
atendency to saturation is observed in this case. In this
respect, the autoresonant mechanism of accel eration by
combined radiation basically differs from the mecha-
nism of accel eration by radiation of thelowest mode[8]
or by a Gaussian beam of thefirst mode[10]. The sharp
decrease in the segment corresponding to acceleration
in the case of combined Gaussian radiation isdueto the
fact that detuning from resonance occurs at an earlier
stage as compared to the cases of the lowest or the first
mode. Thisisdemonstrated in Fig. 1 aswell asin Fig. 3
showing the evolution of the electron trajectory in the
transverse plane from the instant of itsinjection (at x =
y = z=0) to thetime corresponding to z= 55 cm. It can
be seen that the motion is complex by nature and the
particle acquiring acceleration is rapidly displaced in
the transverse direction.

Analysis of the results represented in Fig. 2 and
analogous figures shows that the energy of particles
interacting with combined Gaussian radiation and
injected under exact cyclotron resonance conditions
varies in an intricate chaotic way. Most particles
injected at various phase relations acquire a substantial
energy prior to detuning from resonance, while a small
fraction of particles with unfavorable phasesfall out of
the acceleration mode. The particles acquire the maxi-
mal energy when radiation of thefirst mode“ spoils’ the
field of the first mode only dlightly. The interval of
autoresonant acceleration of electrons by combined
Gaussian radiation (about half the Rayleigh length) is
smaller than in the case of Gaussian radiation of the
lowest or the first mode. However, it can be seen from
Fig. 4 that the rate of acceleration and the maximal
energy accumulated by particles in the field of com-
bined Gaussian radiation are much higher than in the
case of radiation at the lowest or first mode. Thus, the
role of radiation at the first mode of comparatively low
intensity is reduced, on the one hand, to a rather rapid
detuning from the cyclotron resonance of a particle
with a wave and, on the other hand, to a more rapid
accumulation of energy by particles.

MILANT’EV, STEPINA

CONCLUSIONS

The results of our calculations show that the mech-
anism of autoresonant acceleration of electrons by
Gaussian laser radiation of the lowest mode cannot be
regarded as optimal. More effective is autoresonant
acceleration by combined Gaussian radiation formed
by a Gaussian beam of the lowest mode and a first-
mode beam with arelatively low intensity. In this case,
a compact accelerator (with alength of approximately
half the Rayleigh length) and a high acceleration rate
can be designed. The effectivity of acceleration can be
enhanced using appropriate profiling of the driving
magnetic field. Probably, a cascade autoresonant accel-
erator will be optimal.
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Abstract—The possibility of additional ionization of refractory metal ions in the vacuum arc plasmainjected
to amagnetic trap due to additional heating of electrons by microwave radiation under the conditions of elec-
tron-cyclotron resonance is demonstrated. High-power short-wave radiation of gyrotrons used in experiment
makes it possible to work with ahigher (on the order of 102 cm™3) density of the plasmaand to ensure the con-
finement parameter at alevel of 3 x 108 cm2 s at an electron temperature sufficient for multiple ionization. ©

2005 Pleiades Publishing, Inc.

INTRODUCTION

A number of problems in further development of
nuclear and atomic physics (such as the synthesis of
new chemical elements) require the production of high-
current beams of multiply charged ions of heavy ele-
ments in view of high nuclear thresholds of nuclear
reactions and low cross sections of such reactions.
Since the energy of accelerated ions increases with
their charge and theyield of nuclear reactionsis propor-
tional to the current in abeam of such ions, the problem
of synthesis of new elementsis directly connected with
the development of high-current sources of multiply
charged ions of heavy elements. The use of eectron-
cyclotron resonance (ECR) discharge in a magnetic
trap of ion sources ensures generation of ion beams of
gases with a strong current and a high average charge-
ability. For example, a Xe?** beam with a current of
0.6 mA was demonstrated in [1].

ECR sources of multiply charged ions can ensure
generation of ionic gas beams; however, all elementsin
the Periodic System heavier than xenon are in the solid
state of aggregation under normal conditions. Never-
theless, multiply charged ions of heavier elements [1]
which are in the solid state under normal conditions,
but possessrelatively low melting and boiling tempera-
tures were obtained in a number of ECR sources. To
introduce neutral atoms into an ECR source, various
crucibles are used, in which the working substance is
heated and evaporated. The ECR breakdown in this sit-
uation occurs in metal vapors almost in the same way
as in gases. A considerable disadvantage of such a
schemeisthe difficulty of operation with refractory ele-
ments (with a melting point above 1500°C).

To obtain multiply charged ions of refractory met-
als, it is necessary to ensure local evaporation of the
material, which can be done by means of a high-power
laser pulse [2] or by using avacuum arc discharge with
acathode spot [3]. The application of avacuum arc dis-
charge appears more expedient in the given case in
view of itssimplicity and effectiveness. Plasma sources
based on a vacuum arc can ensure generation of metal
ion beams with a current up to several amperes both in
the pulsed and CW operation mode [3]. Theionic com-
position of the plasmais determined by the material of
the cathode, which can be made of any conducting
(including refractory) material. The average charge of
ions in the plasma of such a sourceis 1.5-2 for awide
range of cathode materials [3]. Using special methods
such as application of amagnetic field to the near-cath-
ode region, additional current pulses of the arc dis-
charge, or injection of an electron beam into the plasma
of the vacuum arc, it is possible to increase the average
charge of ions, however, the average chargeability of
ionsincreasesin this case only by afactor of two [4, 5].

It appears as logical to use a vacuum-arc plasma
generator for injecting the plasma of refractory metals
into an ECR source to further increase the degree of
ionization of metallicionsin amagnetic trap upon elec-
tron heating at the electron-cyclotron resonance with
the pumping wave.

Attempts at injection of the vacuum arc plasmainto
an ECR-based discharge system have been made earlier
[6, 7]; however, a noticeable effect of additional strip-
ping of vacuum arc plasma ions was not obtained. In
our opinion, thisis due to the fact that the confinement
parameter N.T; (N, is the electron density and T; is the

1063-7842/05/5009-1207$26.00 © 2005 Pleiades Publishing, Inc.
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Fig. 1. Schematic of a vacuum-arc plasma generator: cath-
ode (1), hollow anode (2), igniting electrode (3), and
ceramic insulator (4).

lifetime of ionsin the trap), which determines the pos-
sibility of formation of multiply charged ions, did not
attain the value required for multiple ionization.
Indeed, plasma was heated in these studies by micro-
wave generators operating in the centimeter range of
wavelengths, which are traditionally used for ECR
sources of multiply charged ions. Accordingly, the elec-
tron density N, in these experiments did not exceed

102 cm=3[8, 9].

In the case of injection of avacuum arc plasmainto
amagnetic trap, the lifetime of ionsin it is found to be
relatively short. As a matter of fact, deceleration of a
plasma jet or trapping of ions from a vacuum arc dis-
charge into a magnetic trap is a complicated problem;
apparently, the value of T; isdetermined by thetrap size
and the velocity of plasma flow from avacuum-arc dis-
charge. Since the velocity of the ion flow is approxi-
mately equal to 10° cm/s [3], the confinement parame-
ter No1; did not exceed 108 cm™ s for a 100-cm trap in
the experiments described in [6, 7]; this value of the
confinement parameter is obviously insufficient for the
formation of multiply charged ions [10]. This fact is
apparently responsible for the absence of a noticeable
increase in the chargeability of ions in the experiments
described in [8, 9]. At the same time, the lifetime of
ions in the magnetic trap in traditional ECR sourcesin
experiments with gases attains several milliseconds,
while the value of the confinement parameter exceeds
10°cm s,

N
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This study is devoted to analysis of generation of
multiply charged ions of refractory metal in a plasma
with substantially higher density, which is achieved by
using a more powerful gyrotron (up to 100 kW) as well
as ashorter-wave radiation (f = 37.5 GHz). It should be
noted that, in accordance with estimates obtained using
the method developed in [11], the intensity of micro-
wave radiation must be at alevel of tens of kW/cn?? for
maintai ning the el ectron temperaturein the discharge at
alevel optimal for the formation of multiply charged
ions. Such intensity can easily be attained using mod-
ern gyrotrons[12].

1. EXPERIMENTAL SETUP

The experiments were performed on the ECR exper-
imental test bench at the Institute of Applied Physics,
Russian Academy of Sciences. A special miniature
plasma generator was constructed at the Institute of
High-Current Electronics, Siberian Division, Russian
Academy of Sciences, for studying additional ioniza-
tion of multiply charged ions of metals of avacuum-arc
discharge in a magnetic trap with electron heating
under the ECR conditions. The design of this generator
is shown schematicaly in Fig. 1. A vacuum-arc dis-
charge initiated by an auxiliary discharge over the sur-
face of adielectric generates aplasmaof the material of
cathode 1, which fills hollow anode 2. The cathode is
made of platinum. As the dielectric, we used a thin
ceramic tube 4 mounted between cathode 1 and
anode 3 of the auxiliary discharge. For an electrode gap
of the auxiliary discharge of ~1 mm, it is sufficient to
apply a voltage pulse of 7 kV with a duration of 10—
30 ps between the cathode and the igniting electrode
for exciting cathode spots and initiating a vacuum arc.

The block diagram of the setup is shown in Fig. 2.
Plasma generator 1 was mounted on the axis of the sys-
temin the vicinity of one of the magnetic mirrors of the
trap formed by two coils 2. The power source of the
plasma generator ensured a current pulse of an arc dis-
charge with a duration ~100 ps; the current could be
varied from 80 A to 3 kA. The power source was placed

Fig. 2. Block diagram of the experimental setup: plasma generator (1); 27-cm-long magnetic trap with amirror ratio of 5, thefield
at themirrorsisup to 3 T (2); discharge vacuum chamber on a high-voltage platform (3); gyrotron (4); two-electrode extractor with
an aperture of 1 mm and an extraction voltage up to 10 kV (5); and magnetostatic ion beam analyzer with anion charge/mass param-

eter of 15-20 (6).

TECHNICAL PHYSICS Vol. 50 No.9 2005
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on a high-voltage platform since an ion-accelerating
voltage up to 10 kV was applied to the anode of the
plasma generator connected to the discharge chamber.
Discharge vacuum chamber 3 placed in the magnetic
trap had a Teflon window through which radiation from
gyrotron 4 wasintroduced to the discharge region (radi-
ation frequency 37.5 GHz, power up to 100 kW, and
pulse duration 1.5 ms). Microwave radiation interacting
with electrons of the plasma under the ECR conditions
noticeably increased their energy, which in turn led to
additional ionization of ions by electron impacts. Two-
electrode extractor 5 mounted at a distance of 14 cm
behind the second magnetic mirror of the trap was
intended for accelerating ions. The ionic beam formed
in thisway was fed to magnetostatic analyzer 6, where
the ionic chargeability spectrum was measured.

2. ESTIMATION OF THE PARAMETER
OF PLASMA CONFINEMENT
IN THE MAGNETIC TRAP

The velocity of ions in the vacuum-arc discharge
plasma is one of the main parameters determining the
effectiveness of generation of multiply charged ionsin
the system studied here. For afixed size of the magnetic
trap, this velocity determines the time of interaction of
hot electrons with metal ions and, accordingly, the
degree of ionization of these ions. Another important
parameter characterizing the operation of the systemis
the density of the plasma getting to the magnetic trap
from the plasma generator. Preliminary experiments
were performed to determine these parameters.

Itiswell known that the presence of amagneticfield
in the cathode region of a vacuum-arc discharge
increases the discharge voltage and, accordingly, the
vel ocity of ions emitted by cathode spots[13]. Thetime
of interaction between hot electrons and the vacuum-
arc discharge plasma was estimated from analysis of
extraction current oscillogramsfor various values of the
magnetic field of the trap (Fig. 3). It was found that the
velocities of ionsincrease with the magnetic field inthe
region of the vacuum-arc discharge. The magnetic-field
dependence of the velocity of ions obtained from such
oscillograms is shown in Fig. 4. Asin [13], we also
detected a substantial increase in the voltage of the vac-
uum arc upon an increase in the magnetic field (Fig. 5),
which aso served as an indirect evidence of the
increasein the velocity of ionsin the plasmajet emitted
by the cathode spots during the vacuum-arc discharge.
Our measurements show that the effect of the magnetic
field on the vacuum arc voltage and on the velocity of
ions in the plasma jet has a tendency to saturation in
magnetic field exceeding 1.5 T; consequently, we can
assume in our estimates that the average velocity of
platinumionsis Vy = 1.5 x 106 cm/s. Thus, the time of
interaction of platinum ions with hot electrons in the
trap is T; = Ly/Vi = 18 ps, where Ly, = 27 cmisthe
length of the trap.
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Fig. 3. Oscillograms: vacuum-arc discharge current (1), ion
extraction currents for magnetic fields of 0, 1.5, 1.8, and
2.6 T in the magnetic trap mirror, respectively (2-5). The
peak current inthe arcis 150 A.
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Fig. 4. Average flow velocity of the vacuum-arc discharge
plasma as a function of the magnetic field at the trap mir-
rors. The arc current is 150 A.

The plasma density in the vacuum arc discharge in
the magnetic trap can be estimated from the absolute
value of the current of ions extracted from the plasma.
For example, for avacuum-arc current of 115 A, acur-
rent of |, = 2.5 MmA passes through a hole of diameter
Joy = 1 mm (i.e, through an area of S, = 7.8 x

1072 cn?) in the plasma el ectrode of the extractor. Con-
sequently, the plasma density is Ng = | g/ (Vp€Suir) =
1.3 x 10'? sm3, where e is the electron charge. If we
assume that plasma propagates from the plasma gener-
ator to the extractor only along magnetic field lines, the
plasma density in the region of the magnetic mirrors of
the trap will be N, = 3.7 x 102 cm 3,

At the same time, the plasma density may vary over
wide limits due to a change in the vacuum arc current.
If we assume that adensity of 1.7 x 10'3 cm3, whichis
the critical density for amicrowave radiation frequency
of 37.5 GHz, is optimal for ECR heating, the confine-
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Fig. 5. Arc voltage as a function of the magnetic field at the
magnetic trap mirrors. The arc current is 150 A.

Uanal

0809101.1121314151.61.7181920
I arb. units

mag>

Fig. 6. Charge state distribution of platinum ions in vac-
uum-arc discharge plasmain the magnetic field of the trap.
Thearccurrentis140A, and the magnetic field at the mirror
trapsis 1.3 T.
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Fig. 7. Charge spectrum of platinum for optimal parame-
ters: vacuum arc current 80 A, magnetic field at thetrap mir-
rors 2.6 T, and introduced microwave power 63 kW.

ment parameter isN.T; = 3 x 108 cm= s, Such a confine-
ment parameter for ions suggests substantial additional
ionization of metal ions provided that the electron tem-
perature is sufficient for this process.

3. GENERATION OF MULTIPLY CHARGED
METAL IONS IN A MAGNETIC TRAP
WITH ECR HEATING

We carried out experiments on additional ionization
of refractory metal ions in a vacuum arc discharge
plasmain amagnetic trap with ECR electron heating by
radiation from a gyrotron with a platinum cathode. The
melting point of platinum is 1600°C. For recording the
chargeability distribution of ions, an extractor was
mounted and an ion-beam analyzer was used in the sys-
tem. Thetypical voltage applied to the discharge cham-
ber was +3.5 kV. With such an accel erating voltage, the
resolving power (g/m)/A(g/m) of the analyzer, where q
and m are the ion charge and mass, respectively, is suf-
ficiently high and amountsto 15. At the same time, the
ions of heavy elements under investigation, beginning
from acharge of +3, remain in the working range of the
electromagnet rotating the beam (the maximal current
of the electromagnet is determined by the potentialities
of astabilized dc source).

In our experiments, the following parameters were
varied: the vacuum-arc discharge current, the magnetic
field in the trap, and the microwave radiation power.
Figure 6 shows the chargeability distribution of plati-
num ions in the absence of microwave pumping. In this
case, the average charge is 1.2. To obtain the maximal
average charge of platinum ions in experiments with
ECR heating, we had to reduce the vacuum-arc dis-
charge current to the minimal possible value and to
choose the optimal microwave power. The maximal
average chargeability, which is equal to 4.3 for plati-
num ions, was attained for a vacuum-arc current of
80 A, amagneticfield of 2.6 T at the magnetic trap mir-
rors, and a microwave power at a level of 60 kW
(Fig. 7). For convenience of comparison, Fig. 8 shows
a histogram on which the two spectra are combined.

DISCUSSION

The ECR heating of electronsin ameta plasma by
microwave radiation leads to additional stripping of
ions and elevates the plasma density. The above esti-
mates show that for an arc current of 115 A, the plasma
generator fills the magnetic trap with a plasma with a
density at alevel of 4 x 10'? cm3; theion charge can be
increased in this case by a factor of four, the electron
density in the plasmaincreasing in the same proportion.
As aresult, the plasma density in the trap may exceed
the critical value corresponding to the microwave
pumping frequency (1.7 x 10'3 cm3), and the heating
of the electron component of the plasma becomes less
effective than in the case of a subcritical density [14].
Consequently, the reduction of the vacuum-arc dis-

TECHNICAL PHYSICS Vol. 50 No.9 2005
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Fig. 8. Charge spectra of platinum ions in vacuum-arc dis-
charge plasma: without microwave pumping (1) and with it
(2); N isthe degree of ionization.

charge current to alevel of 80 A isoptimal for the for-
mation of multiply charged metallic ions.

On the one hand, an increase in the microwave
pumping power increases the electron temperature and
thus improves the conditions for the formation of mul-
tiply charged ions. On the other hand, the discharge
begins to develop in magnetic trap regions more and
more remote from the axis; thisin turn leads to a strong
increase in the plasma density due to impurities des-
orbed from the vacuum chamber walls, which may
result in a decrease in the electron temperature. Thisis
probably the reason for the existence of optimal micro-
wave radiation power in experiments.

Anaysis of mass-charge spectra shows that the
plasma contains alarge amount of impurities. These are
mainly Fe, Ni, and Cr ions present in the stainless steel
from which the anode of the plasma generator is made
aswell asgasions (H, O, and N). The Fe, Ni, and Cr
ions get into the plasmamainly as aresult of erosion of
the anode, while gases come from the residual atmo-
sphere due to adsorption at the cathode surface between
the discharge pulses as a result of arelatively low dis-
charge pulse repetition rate [15], which was /20 s in
the experiments.

At the same time, the experimentally attained value
of confinement parameter N.t; = 3 x 108 cm= st
approximately corresponds to the maximal ion charge
[10]. The current density of the ion beam that can be
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extracted from such aplasmais J, = eéN Vg = 4 eA/cm?.
At present, we are not aware of a source capable of gen-
erating multiply charged ions of refractory metals with
the degree of ionization attained in our experiments,
and the current density of the ion beam that can be
extracted from such a plasmais several orders of mag-
nitude higher than the corresponding value for the
available sources of multiply charged ions.
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Abstract—Interaction of iron atomswith the Si(100)-2 x 1 surface at room temperatureis studied by core-level
photoel ectron spectroscopy using synchrotron radiation for Fe coverages ranging from a fraction of a mono-
layer to six monolayers. It isshown that the Fe/Si(100)-2 x 1 interfaceischemically active: the Fe-Si solid solu-
tionformsearly in deposition of iron on silicon. When the Fe coverage reachesfour to five monolayers, the state
of the system is changed and Fe;Si silicide arises. © 2005 Pleiades Publishing, Inc.

INTRODUCTION

Low-dimensiona structures emerging when iron
atoms interact with a single-crystalline silicon surface
are of great interest both for depositing thin metal films
with unusual magnetic properties and for growing 3-
FeSi,/Si epitaxial layers, which are promising for
advanced optoelectronic silicon devices [1]. However,
the data obtained up to now are contradictory in many
ways: results obtained under similar experimental con-
ditions differ. Thisisespecially truefor initial stages of
Fe-Si(100)-2 x 1 interaction at room temperature
[2-8]. It was argued [2, 3] that, when the coverage is
less than several monolayers (MLS) at room tempera:
ture, an iron film grows almost layer by layer and iron
silicides do not form. Contrary to this, it was reported
[4] that Fe atoms react with the substrate to produce
iron-enriched Fe;Si silicide even at the early stage of
iron deposition, whereas a metal film forms once the
iron coverage exceeds five MLs. At the same time,
accordingto[5], aFe;Si film appears oncetheiron cov-
erage exceeds four MLs and continues growing to cov-
erages of 10 MLs. In [6], it is stated that Fe and Si
atoms merely mix up when the iron coverage is within
several MLs. Intermixing of adsorbate and substrate
atoms giving rise to the formation of a film with an
average composition of FeSi was also reported in [7].
Finally, the growth of Fe;Si; silicide very early at iron
deposition was observed in [8]. These discrepancies
testify that investigation into the interaction of iron
atoms with the silicon surface is a challenge, since this
process is highly sensitive both to the conditions of
adsorbate deposition and to the procedure of substrate
preparation.

An effective method of studying this process is
high-resolution photoel ectron spectroscopy using syn-

chrotron radiation [9]. To the Fe/Si(100)-2 x 1 system,
this method was applied only in [10]. However, the Si
2p spectrawere not resolved into components: the con-
clusions drawn in that work were based only on visua
analysis of the data.

Here, this method is used to study iron-Si(100)-2 x 1
interaction at room temperature. The experiments were
performed for iron coverages ranged from afraction of
an ML to 6 MLs. The spectra of valence and core 2p
el ectron spectra are measured and analyzed.

1. EXPERIMENTAL

The measurements were performed at the Russian—
German channel of the BESSY |1 storage ring (Berlin).
An ultra-high-vacuum photoel ectron spectrometer with
an energy resolution of 130 meV (with alowance for
the nonmonochromaticity of the photon beam) was
employed. The photoel ectrons leaving the cone placed
normally to the surface were recorded. The samplesto
be tested were prepared of KEF-1 (phosphorus-doped
with a resistivity of 1 Q cm) single-crystaline silicon
wafers with their surfaces misoriented relative to the
(100) face by less than 0.1°. Prior to loading into the
chamber of the spectrometer, the samples were chemi-
cally treated according to the Shiraki procedure [11].
Then, they were rapidly heated in an ultrahigh vacuum
to 1200°C and dowly cooled down with a rate not
exceeding 50°C/min. Such a procedure provides a
reconstructed Si(100)-2 x 1 surface free of carbon and
oxygen contaminants. The elemental composition of
the sample surface was monitored by photoelectron
spectroscopy.

Room-temperature evaporation of iron on the sur-
face of the crystal was carried out using a thoroughly
degassed source in which the evaporating material (a

1063-7842/05/5009-1212$26.00 © 2005 Pleiades Publishing, Inc.
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rod of high-purity iron) was heated by electron bom-
bardment. The rate of evaporation was about
1 ML/min. Aniron layer with an atom surface density
of 6.8 x 10'* at/cm?, which corresponds to the density
of silicon atoms on the substrate surface, was taken for
one monolayer. All photoemission spectra were taken
at room temperature at aresidual pressure not exceed-
ing 1.2 x 10 Pa. Most of Si 2p spectra were taken at
photon energy hv = 130 eV. At this energy, the spectra
are the most sensitive to surface conditions [12]. The
fact isthat, under such conditions, silicon 2p photoel ec-
trons gain a kinetic energy of =30 eV, a which their
inel astic scattering mean free path isthe lowest (A = 3—
4 A [12-14]) and, thus, soistheir escape depth from the
crystal. However, to properly estimate the thickness of
the surface layer where iron-induced changes take
place, a series of volume-sensitive spectra were also
taken at a photon energy of 112 eV.

2. RESULTS AND DISCUSSION
2.1. Photoemission of Valence Electrons

Figure 1 shows typical spectra of photoexcited
valence electrons taken at hv = 130 eV during iron
evaporation on the Si(100)-2 x 1 surface at room tem-
perature. All the curves are normalized to their maximal
intensity. The spectra are seen to change considerably
with the adsorbate dose. At thefirst stage of evaporation
(submonolayer coverage), the structure characteristic
of the pure silicon surface gradually disappears. As the
coverage reaches 1 ML, the sample surface becomes
metallized and remains such during subsequent evapo-
ration. Simultaneously, a new peak arises near an elec-
tron binding energy of =0.6 eV. Its intensity sharply
grows with coverage, and this feature dominates in the
spectrum. This peak issimilar in shapeto that observed
in the spectrum of bulk iron [4, 5].

When the coverage exceeds 4 MLs, the spectrum
changes radically again. Instead of the intense sharp
maximum at 0.6 eV, a broad flat maximum appears,
covering the binding energy interval between 0.5 and
2 eV (Fig. 1, curve 7). Thisindicates a modification of
the electronic structure of the sample surface astheiron
coverage varies between 4 and 6 MLs.

2.2. Photoemission of Slicon Core 2p Electrons

The changes occurring in the Si 2p electron spectra
during adsorbate deposition are illustrated in Fig. 2.
Since the intensity of the substrate lines noticeably
drops with amount of the metal deposited, the spectra
are normalized to their maximal intensity for conve-
nience of comparison. Asfollowsfrom Fig. 2, when the
iron coverage reaches=0.5 ML, the feature observed in
the spectrum of puresilicon at E;,, = 27 €V disappears.
In [15], this feature was assigned to the upper atoms of
dimers on the reconstructed Si(100)-2 x 1 surface [15].
By analogy with cobalt deposition on the same silicon
No. 9

TECHNICAL PHYSICS Vol. 50 2005

1

|

2

1

1213

|
116

1
118 120 122 124 126 128
Eyin €V

Fig. 1. Valence electron spectra taken at excitation energy
hv = 130 eV after deposition of iron on the Si(100)-2 x 1
surface. Theiron coverageis (1) O (as-prepared Si(100)-2 x
1 surface), (2) 0.25, (3) 0.5, (4) 1, (5 25, (6) 4, and
(7) 6 MLs.
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Fig. 2. Si 2p photoelectron spectra taken at hv = 130 eV
after deposition of iron on the Si(100)-2 x 1 surface. The
iron coverage is (1) O (as-prepared Si(100)-2 x 1 surface),
(2)0.5,(3) 1.0, (4) 2.5, (5) 4, and (6) 6 MLs.
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Fig. 3. Si 2p photoelectron spectra taken at hv = 112 eV
(2) for the as-prepared Si(100)-2 x 1 surface and (2) for the
surface covered by 6 ML of Fe.

surface [16], we can conclude that the adsorption of
iron atoms prevents the reconstruction of the Si(100)-
2 x 1 surface.

The deposition of 1 ML of Fe atoms causes asignif-
icant broadening of both sublevelsinthe Si 2p doublet.
With an increase in the metal dose, the doublet broad-
ens further and the splitting of the levels becomes less
pronounced. Also, the maxima of the spectrum shift
toward higher kinetic energies (lower binding energies)
of electrons. The most profound changes in the spec-
trum appear after the deposition of 6 MLs of iron (Fig.
2, curve 6). The same dynamicsis observed in the case
of the Si 2p spectrataken at excitation energy hv = 112
eV (Fig. 3). Itisevident from Fig. 3 that iron deposition
also changes, although in a smaller extent, the volume-
sensitive spectrum of the sample. Hence, not only the
surface of the sample but also deeper seated layers are
modified.

DISCUSSION

To gain information on atomic processes taking
place on the Si(100)-2 x 1 surface during iron evapora
tion, we resolved the Si 2p spectraby computer simula-
tion. It was assumed that each spectrum is a sum of the
bulk and surface spin—orbit doublets with a splitting of
608 meV between the 2p,, and 2p,,, sublevels. The
intensity ratio for these sublevels was set equal to two,
in accordance with their occupations. The modes of the
spectra were described in terms of the Voigt functions,
which are usually applied in core-level spectroscopy
[12]. These functions represent the convolutions of the

GOMOYUNOVA et al.

I

Fig. 4. Results of computer simulation of the Si 2p spectra
for the Si(100)-2 x 1 surface after deposition of iron atoms.
The iron coverage is (1) 2.5, (2) 4, and (3, 4) 6 MLs.
Curves 1-3 are measured at hv = 130 eV; curve 4, at hv =
112 eV.

Lorentz functions, which take into account the hole
lifetime on a core level, and Gaussian distributions,
which describe the phonon broadening of the lines and
the energy resolution of an instrument. In simulation of
the spectra, we varied the energy positions, widths, and
relative intensities of the lines.

Figure 4 shows three surface Si 2p spectra taken at
threeiron coverages (curves 1-3) and the volume spec-
trum corresponding to the maximal amount of the
deposited iron (curve 4). All the spectraare normalized
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totheir maxima. It is seen that the spectraconsist of two
components: volume component B of silicon, which
decays with coverage, and new component ¢ with a
negative energy shift of —0.32 eV, which remains virtu-
ally unchanged throughout the range of coverages.
Component ¢ increases with iron coverage, with its
intensity exceeding that of component B in the surface-
sensitive spectrum after deposition of 6 Fe ML. It
should be emphasized that thisincrease is not only rel-
ative but also absolute. As for the contribution of com-
ponent o to the volume-sensitive spectrum (Fig. 4d), its
intensity exceeds the sum of the contributions from al
the surface components to the spectrum of the Si(100)-
2 x 1 surface, which are attributed to the atoms of three
upper silicon monolayers, although o component in the
volume-sensitive spectrum is less intense than in the
surface-sensitive one.

From the above, it unambiguoudly follows that the
growth of ametal film on the Si(100)-2 x 1 surface does
not follow the layer-by-layer mechanism during iron
deposition. Indeed, if such were the case, the intensity
from the Fe/Si intermediate layer (appearing after the
formation of a 1-ML-thick coating) would have
decreased in the same manner as the intensity of the
volume component at subsequent deposition of the
metal. Above, however, it was noted that the intensity of
component o, on the contrary, increases, indicating the
growth of a new silicon phase on the crystal surface.
Thus, Fe atoms deposited on the Si(100)-2 x 1 surface
interact with it to form anew phase consisting of silicon
and iron atoms. Since the contribution of this phase to
the volume-sensitive spectrum is somewhat higher than
the total contribution of three upper silicon monolayers
on the clean Si(100)-2 x 1 surface, the thickness of the
Fe/Si layer formed after deposition of 6 Fe MLs is
bound to far exceed three monolayers; therefore, this
phase is not a surface phase.

As was indicated above, when the iron coverage is
between 2 and 4 MLs, the intense peak at a binding
energy of 0.6 eV prevails in the valence electron spec-
tra. This peak is very much alike the one due to the 3d
iron statesthat is observed in the pure iron spectrum. In
our spectra, thisfeature seemsto be associated with the
same states. If so, the new phase could be reasonably
identified with an iron-enriched Fe-Si solid solution.
Thefact that the energy shift of component o iscloseto
the value found for the Co-Si solid solution [17-20]
also counts in favor of this assumption, especially with
regard to similarity between the chemical properties of
Fe and Co. The negative sign of the shift can be
explained by an increase in the relaxation shift (contri-
bution of interatomic relaxation) at the semiconductor—
metal transition (by analogy with the formation of the
Co-Si solid solution [20]).

As indicated above, the valence electron spectrum
taken after deposition of 6 Fe ML undergoes significant
changes, suggesting the onset of anew stagein the for-
mation of the system. At this stage, the valence electron
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spectrum (Fig. 1, curve 7) closely approximates that of
Fe,Si [5, 21]. Based on this similarity, we assign the
phase formed at this stage to Fe;Si silicide, which, as
well as the Fe-Si solid solution, is enriched by iron.
However, this means that, during iron deposition on the
Si(100)-2 x 1 surface, Fe;Si silicide startsforming once
acertain critical dose of iron atoms has been accumu-
lated. Theideathat silicon and metal atoms mix up only
after a critical amount of the deposited metal has been
reached was put forward even in [22]. According to
[22], this dose is necessary for surface metallization
when delocalized conduction electrons start screening
Si—-Si bonds, loosening them and, thereby, facilitating
intermixing of the elementsin the system. However, in
our case, metallization begins considerably earlier than
the formation of silicides. In this respect, our results
correlate with data in [5], where (see the introduction)
the silicide formation was observed after deposition of
4 Fe MLs. It should also be bornein mind that, in [5], a
monolayer was calculated as the atomic density on the
Fe(100) face, i.e., corresponded to 1.21 x 10 at/cm?.
Therefore, our results are in good agreement with the
datain [5]. It seems likely that, at such amount of the
iron deposit, the transition of the disordered Fe-Si solid
solution to amore ordered state with a certain local sto-
ichiometry is energetically favorable.

It should also be mentioned that no shift of compo-
nent o was observed during the formation of Fe;Si sili-
cide. A possible explanation is that the Si 2p compo-
nents in the spectra of the Fe-Si solid solution and
Fe,Si silicide are closely spaced. Asfar aswe know, no
reliable (reference) publications concerning the energy
shift of this silicide mode are available. Next, the
absence of the shift can be related to different depths
from which analytical data for core-level and valence
electrons are extracted. Indeed, the escape depth of
valence electrons far exceeds that for Si 2p core elec-
trons. However, the transformation of the resulting Fe—
Si solid solutioninto Fe;Si silicide seemsto originate at
theinterfacial layer. Therefore, it isnot improbable that
the surface modification covers the near-surface region
of the solid solution only partly and 2p core electrons
that have a very small escape depth do not as yet
“sense” the modified part, whereas the contribution of
this part to the valence electron photoemission already
prevails.

CONCLUSIONS

Our results obtained by photoel ectron spectroscopy
using synchrotron radiation agree with the conclusions
madein [5]; namely, during deposition of iron atomson
the Si(100)-2 x 1 surface, Fe;Si silicide starts forming
only after a certain critica dose of iron atoms (5—
6 ML s) hasbeen reached. However, thereactivity of the
Fe/Si interface shows up at lower iron coverages, when
the formation of the Fe-Si solid solution begins. Its
associated negative energy shiftinthe Si 2p spectrumis
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found to be —0.32 eV and, according to the published
data, falls into the range of values determined for the
Co-S solid solution. However, since in the case of
room-temperature cobalt deposition on the Si(100)-2 x
1 surface the silicides do not form, the reactivity of the
Fe/Si interface is higher than that of the Co/Si one.
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Abstract—Field emission methods are employed for studying the conditions of formation, crystallographic
localization, and emissive properties of preequilibrium thermofield microprotrusionsfor anumber of refractory
metals. Individual preequilibrium microprotrusions can be easily obtained using a W emitter of the ordinary
[(110Clorientation; however, the number of such protrusions on the surface changes with time in the course of
ionic emission, aswell astheir emission parameters (the parameters and the number of microprotrusions do not
change in the case of electron emission). Trihedral angles of the rearranged tip, which are formed in the { 111}
regions, exhibit higher stability to ionic emission. A single trihedral angle stably emitting ions and located on
the geometrical axis of the emitter can easily be obtained with the help of aW emitter with the (111 orientation.
Two stable preequilibrium microprotrusions arranged symmetrically about the axis of the emitter in the { 111}
regions can be obtained using a Ta emitter of the conventional [110orientation. Such microprotrusions virtu-
ally do not change the emission parameters during long-term extraction of ionic current. © 2005 Pleiades Pub-

lishing, Inc.

INTRODUCTION

M aodification of surfaces and pattern drawing on the
micrometer and nanometer scales require controllable
narrow beams of charged particles. For this purpose, it
is convenient to use emission of ions under high-tem-
peraturefield evaporation [1]. In this case, conventional
sources of ions are thermofield microprotrusions,
which usually grow on the surface of afield emitter at
high temperatures T and electric field strengths F and
which can emit for along time under certain conditions
[1, 2]. lonic currentsi of the materia of the emitter tip
on which microprotrusions grow may reach values
~107%4-10'? A from asingle microprotrusion [3, 4]; the
number of such microprotrusions on the surface of the
tip may exceed one hundred. Upon a change in the
polarity of applied voltage U at room temperature T of
the tip, the same microprotrusions can also be used as
sources of field emission with much higher valuesof i ~
108 A and even more from asingle protrusion. The size
of such microprotrusions is usualy on the order of
10 nm and their vertices (which actually emit) are even
smaller (down to asingle atom at the vertex of aprotru-
sion); for this reason, such sources of charged particles
are qualified as point sources [2]. In some cases, ionic
beams from such sources are convenient for focusing;
when used in a scanning tunnel microscope, such
beams play the role of recording instruments on the
micrometer and nanometer scales, which do not require
focusing. Microprotrusions form a stage in the ther-
mofield deformation of a point emitter under simulta-

T Deceased.

neous action of high T and F. First, the tip rearrange-
ment stage is observed, during which the initia
smoothed shape is transformed into a ribbed polyhe-
dron. Then, at higher values of T and F, microprotru-
sions grow. Finaly, for the highest values of T and F,
large outgrowths (macrooutgrowths) appear mainly on
closely packed faces, whose size is commensurate with
the size of the faces themselves; the vertices and edges
of these macrooutgrowths are covered by microprotru-
sions[5].

For the finest patterns, quite weak (but concen-
trated) currents are required so that the thickness of the
line being drawn does not exceed one or a few nanom-
eters. In the electronic mode, such currents can be eas-
ily obtained since the current is controlled by applied
voltage U and can easily be reduced to very small val-
ues. Asregards ionic currents, steady-state ionic beams
are usualy emitted by the vertices of microprotrusions
existing due to dynamic equilibrium between the diffu-
sive inflow of particles to the vertex of a microprotru-
sion and the field evaporation flow from the vertex of
this protrusion. Such microprotrusions are relatively
stable, but emission in this case is subjected to notice-
able fluctuations and effluent currents (i = 10°-10" ions
per second) are too strong for many problems of nano-
technology. However, the control of the current by
varying the applied voltage U is problematic in this
case since the reduction of U leads only to blunting of
the microprotrusion dueto surfacetension forces and to
cessation of emission [5]. The new and rather compli-
cated problem is to construct a point source of ions,
which could stably emit weak currents (from 1 to
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100 particles per second), and the value of the current
could be controlled by applied voltage U.

Thermofield microprotrusions grow on the emitter
surface when the ponderomotive pressure P = F%/8m of
electrostatic forces exceeds the Laplace pressure P, =
2yir of capillary forces (y is the surface tension of the
emitter material and r is the radius of curvature of the
emitter). Consequently, thermofield microprotrusions
can be conditionally divided into three groups: station-
ary, equilibrium, and preequilibrium. Stationary micro-
protrusions for which Pe is noticeably greater than P,
exist due to dynamic equilibrium between the diffusion
inflow of atoms to the vertex of a microprotrusion and
the outflow of field evaporation of ions from the vertex
of the protrusion. Equilibrium microprotrusions for
which Pr. = P, are rather stable formations; however,
these formations must not evaporate ions. Finaly, pre-
equilibrium microprotrusions are microprotrusions for
which Pe > P,, but the value of this excessis extremely
small; i.e, thefield influx of atomsto the vertex dlightly
exceeds the reverse flow, but the microprotrusion is not
sharpened in this case. Precisely such microprotrusions
must ensure ionic currents from 1 to 10°-10° particles
per second, which can be controlled by applied
voltage U.

EXPERIMENTAL TECHNIQUE

Experiments were made using the classical methods
of field emission microscopy. The objects of investiga-
tion were point emitters made of W or Tawith an ordi-
nary [110brientation, aswell asthose cut from a(111)
W single crystal. Experiments with preequilibrium
microprotrusions must be carried out in perfect ultra-
high vacuum since even a very smal amount of
adsorbed impurity can strongly affect the parameters of
ion field evaporation in the presence of astrong electric
field (effect of the so-called field etching [6]). For such
experiments, sealed field electron microscopes are
quite convenient since a vacuum on the order of 1071
Torr in adsorbed gases can easily be obtained in them.

In the case of thermofield action, the initial treat-
ment field F,, which is always determined relative to
the initial shape of tip annealing, should be distin-
guished from the final field Fy,,, which isformed at the
emitter surface after the changeinits shape. When field
emission is observed in the final state, quantity Fy, is
defined as evaporating field F,,. Thermofield treatment
of the emitter at certain values of T and F,, was always
carried out during astandard timet =1 min. The values
of F and work function ¢ were determined by the con-
ventional method from the slope of the Fowler—Nord-
heim characteristics. In determining F, the value of ¢
was assumed to be equal to 4.5 eV for (110) W, 4.1 eV
for Ta, and 4.4 eV for (111) W [7].

GOLUBEV, SHREDNIK

EXPERIMENTAL RESULTS
AND DISCUSSION

In the case of equality of acting pressures (P, = Pg),
along-lived (in the heated state) equilibrium micropro-
trusion can easily be grown [5]. The value of P, is set
by the tip geometry and the properties of the material,
while the value of Pr can easily be controlled by vary-
ing applied voltage U. Equilibrium thermofield micro-
protrusions were grown and studied (e.g., while deter-
mining the value of y for W [8]). Such protrusions can
be used as electron emitters during cooling of the tip
and in the case of a change in the polarity of applied
voltage U. Naturally, they are not strictly equilibrium
any longer, but their advantage as emitters is that over-
loading by current will not lead to catastrophic explo-
sion of the emitter. As a matter of fact, the inequality
P, > P is dways observed for such emitters and the
slightest heating of the emitter causes blunting of such
microprotrusions and adecrease in the emission current
(negative feedback operates in this case). Conse-
guently, electron currents of extremely high density up
to 10°-10'° A/cm? [9] can be extracted from such
microprotrusions.

Asregardstheionic currents, equilibrium micropro-
trusions do not emit ions. The emission of ions is
induced by the third flux of particles evaporated from
the surface in addition to the other two fluxes, viz., the
fieldinflux of particlesto thetip of the point and the dif-
fusion flux of particles from the vertex of the tip. This
third flux reduces the number of particles at the vertex
and is added to the flux determined by P, and blunting
the tip. The equilibrium will be violated, the micropro-
trusion will be blunted, and the ionic current will
decrease; however, the blunting flux will also become
smaller.

We denote the particle fluxes as follows: j¢ is the
sharpening flux, j, istheblunting flux, and j. isthe evap-
oration flux. The preequilibrium microprotrusion corre-
sponds to the situation when jg = j, + j, i.€., when the
field influx to the vertex slightly exceeds the reverse
blunting flux, but the point is not sharpened since the
entire excess flux to the vertex flows away in the form
of the evaporation flux [10]. Controlling the value of F
by applied voltage U (and setting various values of
emitter temperature T), it is not difficult to obtain not
only various equilibrium states (when jg = j,), but aso
various preequilibrium states with j = je — j, from the
flux of individual ionsto higher values.

In contrast to stationary dynamically balanced
microprotrusionsonly in fluxesj, and jg (in these cases,
the value of j, is much smaller than the former two
flows and isthe smaller, the larger the distance between
the working point and the critical point of termination
of emission), a preequilibrium microprotrusion is sub-
stantially more stable. In the presence of fluctuations of
F, je andr, it exhibits atendency to return to its former
working point (exactly in the same way as an equilib-
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rium microprotrusion returns to its initial shape in the
case of fluctuation of r [5]). The main property of apre-
equilibrium microprotrusionisthe possibility of itstun-
ing, which makesit possible to controllably select quite
small currents convenient for drawing on the nanometer
scale. Fluctuations of current for such a microprotru-
sion are smaller than fluctuations for a stationary
microprotrusion, for which j, = jr In addition, the sta-
tionary microprotrusion may “creep” aong the curva-
ture line K ~ 1/r of the curve P = f(K) [5] in the course
of emission in a certain direction; its working point is
less stable, not to mention the disruption hazard. A pre-
equilibrium microprotrusion preserves its properties as
such (preequilibrium) over awide range of variation of
evaporation flux j, and, accordingly, the radius of cur-
vaturer (i.e., K). However, with increasing U, the pre-
equilibrium microprotrusion can aso reach the critica
point, behind which we always have P¢ > P, and it will
rapidly passto the state of astationary microprotrusion.
The possihility of varying temperature provides a sub-
stantial margin for controlling in this case.

To find out whether the microprotrusions formed in
the experiment are equilibrium (as well as preequilib-
rium) or stationary (j. = jg) microprotrusions, a simple
test can be used. For adlight increase in the value of U
to U + dU, curvature K of the vertex of a microprotru-
sion increasesif it isin equilibrium or a preequilibrium
microprotrusion; however, the value of this quantity
decreasesif the protrusion is stationary. Asthe value of
U decreases to U — dU, the changes will be reversed.
The difference between equilibrium and preequilibrium
microprotrusions lies in the extent of variation of K,
which is considerable for equilibrium and insignificant
for preequilibrium microprotrusions. Thevariation of K
can be judged from the change in the emission current
for afixed U (thelarger the current, the higher the value
of K) or from the magnitude of thefield factor 3 = L/kr,
where k is a coefficient depending on the shape of the
tip (the larger the value of 3, the higher the value of K).

Figure 1 shows field electron images of the surface
of a sharp-tipped W single crystal during thermofield
action. Figure lashowstheinitial classical shape of the
emitter annealing, which isobtained after heatingat T ~
2500 K, for which thefield factor 3 = 5912 cm, radius
r = 0.6 ym, and the value of U;,is 4690V (U, isthe
voltage required to abtain the chosen value of emission
current i =10 nA; i.e.,, 108 A). After the actionat T =
1420K, U, =8.5kV, and F, = 0.51 V/A, severa micro-
protrusions were formed in the vicinity of the (001)
faces, for which U,;=2021V and 3 = 19473 cnr . These
are stationary microprotrusions at the given T, which
evaporate W ions; the value of Fq, is 1.66 V/A. To
obtain preequilibrium microprotrusions, we must grad-
ually reduce the value of U, under thermofield action,
tracing the values of U, and B. Firgt, the value of
increases and U,, decreases since microprotrusions
become sharper with increasing curvature K. In the
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(e) ®

Fig. 1. Field electron images of the surface of a (110) W
emitter during thermofield action at T = 1420 K for various
values of Fy: (a) initial annealing shape; (b) after heating of
the emitter at F;, = 0.52 V/A followed by a decrease of Fy;
to 0.44 V/A; (c) after further reduction of Fy, to 0.42 V/A,;
(d) after holding the emitter at Fy, = 0.42V/A and T =
1420K for 20 min; (e) after heating at F,, = 0.37 V/A;
(f) after holding the emitter at T = 1420 K and Fy, =
0.37 V/A for 20 min.

course of sharpening, the value of U,, becomes 1900 V
and 3 = 20100 cm™ as the value of U,, decreases to
7.8 kV. Finaly, when U,, decreases to 7.5 kV, the value
of U,y slightly increasesto 1960V, while (3 decreasesto
19240 cmt, which precisely correspondsto preequilib-
rium microprotrusions.

Any microprotrusion may serve as a point source of
electrons and ions; however, the most interesting is the
situation when a single microprotrusion remains on the
surface of the emitter. For this purpose, we must reduce
the value of F. Microprotrusions will become station-
ary again and will be sharpened, consecutively inter-
secting the straight line P(K) on the Pg, P,(K) graph
[5]. After this, they will be strongly blunted and will
vanish from the emitter surface. Thus, it is possible to
retain only one protrusion on the emitter surface (this
situation is depicted in Fig. 1¢) after the value of U, is
reduced to 8.25 kV. This protrusion ensures that U;, =
2108V and B = 19100 cm. Such amicroprotrusion is
astable point source of electrons (at least, such an emit-
ter ensures a current of i = 1000 nA for 1 h); the value
of U required for this effect has changed from 2664 to
2687 V. However, in the case of emission of ions (i.e.,
upon simultaneous action of T and F), stability of this
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Fig. 2. Field electron images of the surface of a (110) W
emitter during thermofield action at T = 1800 K: (a) after
heating of the emitter at T = 1800 K and F,, = 0.32 V/A;
(b) after holding the emitter at T = 1800 K and Fy, =
0.32V/A for 30 min; (c) after short-term heating of state
(b) at T=1200 K in zero field; (d) after short-term heating
of state (c) at T = 1400 K in zero field.
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Fig. 3. Time variation of quantity U;q under simultaneous
action on aW emitter; T=1800 K and F;; = 0.32 V/A.

kind is not observed. Figure 1d illustrates the situation
when asingle microprotrusion shownin Fig. 1c emitted
ions for 20 min. It can be seen that five microprotru-
sions have grown in the regions of {001} in the course
of thermofield action and the value of U, = 1740V,
although the value of B virtually remained unchanged.
During the thermofield action, processes of field crystal
growth continuously occur on the emitter surface,
which leads to the emergence of new microprotrusions.

An attempt can be made to retain a solitary preequi-
librium microprotrusion on the emitter surface by
applying to it very weak fields and extracting very
small currents to reduce the microprotrusion growth
rate; however, this may also be futile. Figure 1e shows

GOLUBEV, SHREDNIK

a solitary preequilibrium microprotrusion obtained at
U, = 6.25 kV, F, = 0.37 V/A, and T = 1400 K. The

parameters of the protrusion are as follows: U, =

2020V and 3 = 20 410 cmL. After ten minutes of con-
tinuousionic emission, the protrusion parameters virtu-
ally did not change; however, after 20 min, theemission
pattern shown in Fig. 1f was formed. This pattern cor-
responds to atip reconstructed in an electric field with
U, =3095V and 3 = 10 920 cm; i.e., the micropro-
trusion simply disappeared and was “dissolved” sinceit
attained a state in which P, > Pr. Thus, carrying out
thermofield treatment at low temperatures T < 1500 K,
we can easily obtain preequilibrium microprotrusions
without blunting the emitter; the situation iscompletely
reproducible, but it is practically impossible to retain a
single microprotrusion on the surface. Either new
microprotrusions are formed in the course of ionic
emission, or the microprotrusion is dissolved.

At ahigher temperature T of treatment and, accord-
ingly, lower values of U and F, another type of rear-
rangement of the W emitter can be obtained [11], in
which {112} faces do not expand but, conversely, are
healed, while in {111} regions trihedral angles are
formed due to expansion of the most closely packed
{011} faces. In these regions, one can try to grow pre-
equilibrium microprotrusions. Figure 2a shows the
emission pattern of the emitter surface after treatment
a T=1800K, U, =5.0kV, and F,, = 0.3 V/A. It can be
seen that two microprotrusions were formed in the
region of {111} faces; the results of tests show that
these are preequilibrium microprotrusions for which
U,,=1760V and B = 19856 cm™. If such an emitter is
held at the same values of T and F,, for some time, the
value of U, gradually increases and 3 decreases. Fig-
ure 3 showsthetimevariation of U,. It can be seen that
the value of this quantity smoothly increasesfrom 1760
to 2426 V over 45 min and then remains unchanged.
The value of B behaves conversaly (i.e., it smoothly
decreases from 19 856 to 14978 cm and then remains
unchanged). Emission imagesin Figs. 2b—2d show that
microprotrusions in this case become blunted and dis-
appear, while trinedral angles on which microprotru-
sions have grown are preserved. These anglesin { 111}
regions were formed as a result of expansion of three
closely packed {011} facesand, hence, the angles have
trigonal symmetry (see Fig. 2b). Thermal smoothing of
the emitter by heating at T = 1200 K in the absence of
applied field reveals the bases of these angles (see
Fig. 2c) and the shape of the rearranged tip (Fig. 2d).
Thus, trihedral angles are perfect emitters of ions as
well as electrons. These angles have all the advantages
of preequilibrium microprotrusions, but are more stable
on the surface. The disadvantages of such angles as
compared to the microprotrusions is that these angles
can be obtained only in definite crystallographic
regions for adefinite structure of the emitter, while pre-
equilibrium microprotrusions can be obtained practi-
cally at any point of the surface for any structure of the
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(c) (d)

Fig. 4. Field emission images of the surface of a (111) W
emitter during thermofield action: (&) initia annealing
shape; (b) after heating of the emitter at T = 2100 K and
Fy= 0.32 V/A; (c) after reducing the value of Fy to

0.29V/A at the same temperature; (d) after heating of state
(c) a T=1200K in zerofield.

emitter; there are no physical limitations in this case.
Trihedral angles are more “blunted” objects as com-
pared to microprotrusions (the value 3 for microprotru-
sions ranges between 18000 and 24 000 cm, whilein
the case of angles we have B = 14000-16 000 cm™);
i.e., higher values of U and, accordingly, F are required
for obtaining the same value of the current.

To obtain an emitter of ions and electrons with only
one emitting trihedral angle (or microprotrusion)
located at the center on the geometrical axis of the tip,
it is convenient to use (111) W. Such an emitter was
obtained from a sample cut at a definite angle from aW
single crystal. Figure 4a shows the initial image of the
emitter annealing shape, for which U= 7121V and
B =4317 cm; i.e., the point hasaradius of r ~ 0.8 pm.
An emitter cut from a single crystal requires dightly
higher values of treatment temperature as compared to
an emitter made from awire. The thermofield treatment
a T=2100K, U,=7.5kV, and F, = 0.32V/A leadsto
the formation of a microprotrusion in stepped regions
of {001} facesand atrihedral anglein the (111) region
at the vertex of the emitter (Fig. 4b). Thedecreasein U,
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t0 6.75 kV at the same temperature leads to dissolution
of the microprotrusion; only thetrihedral angle remains
at the center of the emitter (Fig. 4c), for which U, =
3616 V and 3 = 13824 cmrL. This angle virtually does
not changeits emission parameters asaresult of extrac-
tion of the ionic current for several hours. Finaly,
Fig. 4d shows the emission pattern after thermal
smoothing; the base of the trihedral angle at the center
and a small macrooutgrowth in the (001) region, on
which the microprotrusion has grown, can be seen in
the figure.

Figure 5 shows the evolution of the surface of a Ta
tip under thermofield action. The crystallographic
structure of Taisthe same body-centered cube asfor W,
but with a dightly different faceting of the surface, a
larger size of {011} faces, and the absence of {112}
faces. It iswell known [12] that, in contrast to W, Tais
easily rearranged under thermofield treatment, forming
anglesin{111} regions; thisis precisely dueto specific
faceting of the surface. Such an emitter is rather blunt
sincer ~1.1 ym, U,,=7050V, and 3 = 3100 cm™. Fig-
ure 5a shows the rearrangement of the emitter at T =
1450 K, U, = 7.5 kV, and F, = 0.22 V/A; the tip is
noticeably sharpened due to emission, forming two
acute angles near {111} faces due to expansion of
{011} faces and angles near {113} faces, which have
been formed due to expansion of {001} and {011}
faces. For such an emitter, U,; = 3810V and 3 = 8685
cm. Anincreasein F, t0 0.32V/A and in T to 1550 K
leads to the growth of microprotrusions at the anglesin
{111} regions, these microprotrusions can be made
preequilibrium by reducing the value of F,. Figure 5b
shows two such preequilibrium microprotrusions, for
which U;,=3263V and 3 = 10263 cm™. The operation
of such an emitter in the ionic emission mode for the
same values of T and F;, during the first 20 min causes
aweak sharpening of microprotrusionsto U, = 2538V
and 3 =12694 cm™, after which the parameters of
microprotrusions virtually remain unchanged. Finally,
Fig. 5¢ shows the situation after thermal smoothing of
microprotrusions. Bright spots observed in {111}
regions correspond to the nucleation centers of micro-
protrusions. It can be seen that there are several centers
of thiskind and that the sharpest microprotrusion emits;
for thisreason, the image of amicroprotrusion is some-

Fig. 5. Field emission images of the surface of a Ta emitter during thermofield action: (a) after heating of the emitter at T = 1450 K
and F,, = 0.22V/A; (b) after heating the emitter at T= 1550 K and F, = 0.32 V/A; (c) after heating of state (b) at T=1200K in zero

field.
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times double since two identical protrusions grow side
by side (Fig. 5¢). Consequently, in contrast to aW emit-
ter, aTaemitter makesit possible to obtain stably emit-
ting preequilibrium microprotrusionsin {111} regions;
trihedral angles can also be used in this case.

CONCLUSIONS

Using a conventional (110) W emitter, it is possible
to obtain solitary preequilibrium microprotrusion at rel-
atively low temperatures T = 1400-1600 K for F, =
0.4-0.6 V/A practically at any point at the vertex of the
tip. However, parameters of the microprotrusion may
change with time in the course of thermofield action;
the number of microprotrusions on the surface may also
change as aresult of field crystal growth.

Two solitary preequilibrium microprotrusions can
till be obtained, but only in{111} regions, where sharp
trihedral angles are formed as a result of thermofield
action, and for higher values of T = 1700-2000 K but
approximately the same values of F,,. However, these
microprotrusions gradually become blunted and dis-
solve as a result of emission, preserving al the advan-
tages of preequilibrium microprotrusions.

A solitary stably emitting trihedral angle located at
the center on the geometrical axis of the tip can be
obtained relatively easily using a (111) W emitter. Such
a microprotrusion is an ideal stably operating point
source of ions and electrons.

A conventional (110) Taemitter makesit possibleto
obtain relatively easily two stably emitting preequilib-
rium microprotrusions, arranged symmetrically relative
to the geometrical axis of thetip in {111} regions, by
using thermofield treatment at F,, = 0.3-0.5 V/A and
T = 1300-1500 K. In contrast to W, the Ta emitter
makes it possible to grow quite stable preequilibrium
microprotrusions.

Trihedral angles of arearranged tip have a number
of advantages over microprotrusions when used as sta-
ble sources of ions, however, such angles can be
obtained only in certain crystallographic regions for a

GOLUBEV, SHREDNIK

definite structure of the emitter. In thisrespect, preequi-
librium microprotrusions are universal.
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Abstract—Basic effects and conditions limiting application of the Rogowski loop in ultrashort current pulse
measurements are considered. A technique for partial reconstruction of the current pulse shapeis suggested that
substantially extends the potential of related sensors. © 2005 Pleiades Publishing, Inc.

(1) It has been shown [1-4] that the Rogowski loop
(Fig. 1) may well be used for measuring high-ampli-
tude current pulses of width T, as short as several nano-
seconds without radically modifying its design. How-
ever, the operation of the loop under such conditions
changes significantly. The winding (Fig. 1), as well as
the protective shield with anarrow slot, becomes a cur-
rent-carrying system, where the variable magnetic field

of current Jo (t) being measured generates slow waves.
If, in this case, pulse width T, is shorter than time ty of
pulse propagation along the loop (T, < tg), a train of
pulses generally arises on the load, the first of them

U1 (t) being closeto Jo (t) in shape without integration.

Distortion of the voltage pulse U1 (t), which is
believed to be minor at small 1, [2], is usually associ-
ated with the spurious capacitance and inductance of
theload and with lossesin thewinding [1-3]. It is, how-
ever, obviousthat, as 1, decreases, the dispersion of the
waveguiding system of the loop has a progressively
increasing effect, since the spectrum of pulses being
measured widens (W ~ 2T7T,) and the low-frequency
dispersionin helix waveguidesis hard to eliminate [5] 1
In this paper, we present estimates of dispersion-related
errors and suggest a correction calculation technique
that improves the accuracy of measuring short current
pulses with the Rogowski loop.

(2) In calculations, the waveguiding system of the
loop isreplaced [1, 3] by an equivalent circuit compris-
ing a chain of simple cells (Fig. 2), which even out-
wardly resembles the helix waveguide in the shield
(Fig. 1). To alow for dispersion, we use the Fourier

L Here, as is customary in radio engineering, a helix waveguide
represents a helically wound metallic wire.

transformation and, accordingly, write relevant equa-
tions for the complex amplitudes,

du _ .
I ZJ + 1K,

aJ _
ax YU.

(D)

Here, U is the complex amplitude of the voltage
between the winding and shield; J is the current in the
winding; Z is the winding impedance per unit length;
Y is the admittance per unit length, which is related to
the winding-shield capacitance (admittance Y and
impedance Z are assumed to be independent of longitu-

Fig. 1. Simplified representations of the Rogowski loop
with (a) series- and (b) parallel-connected load: (1) wind-
ing, (2) protective shield, and (3) narrow slot in the shield.

1063-7842/05/5009-1223$26.00 © 2005 Pleiades Publishing, Inc.
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Fig. 2. Cell of the equivalent circuit of the Rogowski loop’s
waveguide.

dinal coordinate x); J, is the complex amplitude of the
current being measured;

NHoS,
2mr -’ 2

Mo is the free-space permeability; N is the density of
turns in the winding; Sis the effective surface area of
the turns; r is the radius of the midline of the winding
(which is assumed to have the shape of atorus, Fig. 1);
and

K = K(X)

21 H, (%)
fHde

isthe normalized magnetic field produced by current J,
being measured at the midline of the winding.

A change in field H, over the cross section of the
turns is assumed to be insignificant, and its variation
along the midline (i.e., along the x axis) is taken into
account only in general relationships. Field H, depends
on x if current J, is asymmetrically distributed over the
cross section of the torus (8Jy/0¢ # 0) and also if the
screen is placed nonaxialy. The field is assumed to
depend on time exponentialy, H, ~ exp(iwt).

The genera solution to system (1) istrivial,

K(x) =

©)

X

Ihx . iooJOJ’K cosh(x — X)dx,
0

U = pAe '™+ pBée
(4)

X

J = Ae'™-Be™+ Jo%)IKsinh(x—x')dx',
0

where A and B are constants of integration,

p = JZIY (5)

isthe wave impedance measured at the terminals of the
cells(Fig. 2),

= —i.JZY (6)

are the wavenumber, and h and p are constants related
to the fundamental mode of the shielded helix
waveguide (in general, they are complex).

GOYKHMAN et al.

A load can be connected to the Rogowski loop in
series, i.e., be inserted into a gap in the conductor
(Fig. 1a), or in parallel, when one of the ends of the
conductor (x = 0) is connected to the shield through
load resistance Z, and the other through load resistance
Z (Fig. 1b).2

For the series connection (Fig. 1a), solution (4) with
boundary conditions

J(1) = 3(0), U(l) = U(0) +243(0) ()

yields an integral expression for voltage U, across
load Z,,,
|
J’K[sinh(l —X') + sinhk]dx'
Zy
UH = (A)\]O_O . (8)

2P 1 coshl—iZsinhl
2p

For the parallel connection (Fig. 1b), the boundary
conditions are

U(0) = =Z,J(0), U(l) = zJ3(D), (9)

and solution (4) yields another expression for the volt-
age across load Z,,

U = 2indypZ,

|
N L N
{K[cosh(l—x)+|Bsmh(I—x)}dx (10)

X

(Zo-p)Z—p)e " = (Zo+p)(Z +p)E"

In experiments, the first connection is uncommon,
in particular, because of the possibility of excitation of
high-Q oscillations with eigenfrequencies defined by
the dispersion relation following from (8),

o
smhé = 0.

The complex frequencies of lower Q oscillations are
found from another dispersion relaxation,

.2y | _
smh2—|2pcosh2 =

A reason for excitation of oscillations (11) may be
the above-mentioned nonuniformity of magnetic field
(3) along the loop (dk/dx # 0). This nonuniformity gen-

erally ariseswhen current Jo (t) is distributed asymmet-
rically about the loop axis (Fig. 1a). The second con-
nection scheme (Fig. 1b) isless sensitive to violation of

(11)

0.

2 Other connection schemes can also be used: for example, areturn
wire passing along the axis of the helical winding. However, the
waveguide then becomes two-mode and system (1) does not suf-
fice to describe its behavior. Importantly, the mutual reradiation
of modes at the ends of the loop becomes essential in this situa-
tion.
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the condition

dk
dx
therefore, one can assume that, for the second connec-
tion, condition (12) is met in a first approximation.

Then, expression (10) can be transformed into the func-
tional equation

=0; (12)

U = Z3o(Bo+ DI (B + e + B ™

(13)
+UBQB| 2|hl’
where a = (wK)/h is the coupling parameter and
= Zo—P _4-p
Bo= g B2, (14)

are the coefficients of reflection from terminations Z,
and Z,.

Solution (13) can be represented in the form of two
Sseries,

U = 3 3(Bo+ 1)

+5 JO<BO+1)<B|+1)zBoB“ eI (15)

a - - _2i
~530(Bo+ 1)’ zllss e,
n=

which converge at | 33| < 1. Expression (8) can aso be
represented in a similar form provided that condition
(12) ismet,

Uy = O(JO([3+1)+0(JO(B+1) z( 1)"" e Lgrinnl
(16)
Zy—2p
Z,+2p

B:

Upon the inverse Fourier transformation, each term
of the sumsin (15) and (16) can be assigned individual
pulsesthat are varlously delayed according to the expo-
nentia factors,

t=nt;, t=(2n+1)t, t=2nt,

where

= i E"OEE)D (17)

If width 1, of current pulse Jo (t) is shorter than the
time the pulse takes to propagate along the loop (i.e.,
Tp <tg) and if the distortion of the pulse is moderate, at

3 A similar series could be obtained using the results given in [4].
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least several initial pulses in sequences U, (t) or

Un,n (t) are separated in time. Therein lies the advan-
tage of using the sumsin (15) and (16) when the short-
pulse regime of Rogowski |oop operation is analyzed.
To proceed further, we will simplify the dispersion
relation h = h(w) for the fundamental mode of the
shielded helix waveguide to the polynomial form (pro-
vided that singularities at the zero frequency w =0 are
absent),
3
LW, W
h io+ v +y i (18)

whereo = limih isthedamping rate, v = I|m(dw/dh)

w-0

isthe group velocity at the zero frequency, and
v = ZLlim (d®h/dw’)
6w-o0

is the dispersion parameter.*
For simplicity, we assume that reflection coefficient
B3, isreal and frequency-independent,
dBy/dw = 0, (29)

athough the general case is aso simple to anayze.
Applying theinverse Fourier transformation to the first
term in (15), we easily come to an expression that
relates current pulse Jo(t) to the first pulse U (t)
picked up from the load,

t

2 +1.
yd U _ VBO

O1(t) + ov [O(t)dt — = Jo(t).
I dt’ 2 ()
This formula without the dispersion-related term
d’0,
y (21)
dt?

was found and analyzed in [2]. The absence of (21) in
the formula derived in [2] is due to the fact that the
expression used in [2] for the current in the short-cir-
cuited winding at high frequencies was incorrect.

Relationship (20) allows us to estimate the discrep-

ancy between the shapes of pulses U1(t) and Jo (t) and
compare the effect of different factors on the formation

of Ui (t). Theintegral termin (20) isacorrection dueto
losses in the waveguiding system, and (21) evaluates
the effect of dispersion. It is seen that the effect of dis-
persion is essential at the leading and trailing edges of
the pulse; that is, fast processes are subject to more
severe distortions, contrary to assertionsin [1-3]. AsT,
diminishes, the effect of dispersion, according to (20),
starts prevailing and the dispersion, in essence,

4The commonly accepted expression for the group velocity is jus-
tified here, since the condition Im(dh/dw) = 0 (see (18)) is
assumed to hold.
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becomes the factor that imposes basic restrictions
on T,.

On the other hand, relationship (20) can be used to
reconstruct the shape of pulse Jo (t) from the waveform
of pulse U1 (t) picked up from the load and observed on

an oscilloscope, i.e., to calculate correctionsto U; and,
thereby, extend the spectrum of applications of the
Rogowski loop. Note, however, that the process of
reconstruction involves differentiation of functional
dependences found experimentally, which is apossible
reason for progressively increasing errors.

(3) Parameters o, v, and y of polynomial (18) that

are necessary for reconstruction of pulses Jo(t) are
found by processing the pulse waveforms. The condi-
tion 3, = 0 (weak reflectionsfrom termination Z,) is best
suited for this purpose. At such matching, only the two
first terms of infinite sums (15) are | eft,

U=U,+U, == 36(Bo+ 1) + 530(Bo+ D™, (22)

at any load Z,. Experimentally, such a situation is ssim-
ulated well by closing part of the ot on the sidex =1.

However, anumber of extrapulses may appear after U,
and U, in this case.

Functions U;(w) and U(w) = U; + U, entering into
(22) arethe Fourier transforms of thefirst single, Uy (t),
and composite, U; (t) + U, (t), pulses picked up from

the load. The procedure of separating out U1 (t) from
the waveform on the oscillogram is uncertain. To mini-
mize errors due to this uncertainty, one should increase
ratio ty/t,. Obviously, this requirement, along with dis-
persion-related term (21), limits the potentiality of the
reconstruction procedure.

Formula (22) and representation (18) make it possi-
ble to derive the functionals

ol = —Re[ln%HUHE]‘ ,
w

1
— aml 4 ug
t, = Im[dwln%HUlD}w:O’ (23)

6yt, = —Im[—g—?’gln%HHB}
dw Ul 2o

which are suitable for calculating the parameters of the
dispersion dependence h(w) from the Fourier trans-
forms of the waveforms of the two initial pulses picked
up from the load. Since the derivativesin (23) are taken
at the zero frequency (w — 0), functionals (23) have
the filtration property; that is, they are stationary rela-
tive to rapidly oscillating processes and, hence, can be
applied in experimental data processing.

GOYKHMAN et al.

According to (23), if pulses U; and U, are similar
in shape and amplitude, we have ol < 1 and

8T[2ytg/Tg < 1; s0, the design of the shielded helix
waveguide can be considered adequate. Distortions in
this case are caused by the reactance of the load, specif-
ically, by the frequency dependence of the reactance.

The accuracy of the results can be additionally
checked by comparing t, calculated by the related for-
mulain (23) with

ty = JL;C;, (24)

where Ly and C; are thetotal inductance of thewinding
and its capacitance relative to the shield that are mea-
sured at low frequencies.

(4) In the short-pulse operating regime of the
Rogowski loop, the shield around the winding (Fig. 1)
becomes a functional component of the waveguiding
system. Its design and dimensions have an influence on
the low-frequency dispersion properties of the loop,
i.e., on parametersy and v, and ultimately on the mea-
surement accuracy. Because of this, let us consider the
properties of the helix waveguide in the shield.

The problem of helix (helical winding) in a shield
with a single narrow longitudinal dlot is very compli-
cated. Here, we replace it by a simpler problem of a
helically conducting cylinder of diameter 2a placed in
a coaxia circular screen of diameter 2b with severa
longitudinal dlots (Fig. 3). We assume that the simple
boundary conditions

E(r=a-0) =0, E(r=a+0) =0, (253
E(r=a-0)—E(r=a+0) =0, (25b)
H(r=a-0)-H(r=a+0) =0 (25c¢)

are fulfilled on the surface r = a and the boundary con-
ditions

E(r=b-0), E(r=b+0) =0, (26a)
E,(r =b—0)—E,(r =b+0) = 0, (26b)
H(r=b—0—H,(r =b+0) 260

= 2mwbCE,(r = b)

on the surface r = b > a take into account the shunting
capacitance of the slots per unit length,

C = g,/d, 27)

sincetotal widthd = ) . d; of the dlots (d is the width

of an ith dot) is assumed to be much smaller than the
perimeter of the shield,

d < 2mb. (28)

In formulas (25) and (26), subscript s denotes the
direction along the spiral-wound conductor; subscript t
denotes the direction (orthogonal to s) of the tangent to
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a
2b

Fig. 3. Coaxia waveguide with alongitudinally conducting outer cylinder and helically conducting inner cylinder.

the plane r = a (Fig. 3); €, is the permittivity of free
space; and unit vectors e, r, and r; constitute a right-
hand triplet.

With the routine cal culation procedure used for such
models (see, e.g., [5]), one easily arrives at adispersion
relation for the fundamental axisymmetric mode,
whichisasow (k/h = v,/c < 1) hybrid wave,

P’ 24 lo(Pa)Ko(pa)
& T (pa)Ky(pa)

% [ _lo(pa)Ko(pb)

Ko(pa)|o(pb)}[1_XK1(pb)|1(pb)] (29)

= 1_xK1(pb)|1(Pb)[1_%]

Here, p = +/h®—k* and h are transverse and longitudi-

nal wavenumbers; k = w, /€yl ; ¥ isthe angle of wind-
ing (Fig. 3); I, and K, are the modified Bessel and
Macdonald functions of order m, respectively; and
= 2Mepec (30)
€
is the shunting coefficient, which is proportional to
capacity per unit length C and frequency squared (w?).
If slot width d is so small that the shunting coeffi-
cient becomes high (x > 1), expression (29) turnsinto
the dispersion relation for a helix in a continuous per-
fectly conducting shield that is well known from the
theory of slow-wave systems [5]. If x < 1 (that is, for
example, shield wall thickness A is small, A/ld < 1),
expression (29) turns into the simplified dispersion
relation

Bz 24 lo(P)Ko(pa) _|o(pa)K0(pb) _
T Ky pa)L e o) "

which was obtained in another work [6] concerned with
the Rogowski loop.
TECHNICAL PHYSICS  Vol. 50
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A number of simple dependences given below illus-
trate the dispersion properties of the electrodynamic
system of the Rogowski loop and the effect of a shield
on these properties. Figure 4 plots slowing-down k/h
versus frequency wfor ahelix without ashield (pb —
o) and for the same helix placed in a continuous (X >
1) shield. In the low-frequency range, the shield is seen
to have a significant effect on the slowing-down and,
importantly, the role of longitudinal sotsis high. Itis
remarkable that, as the transverse conduction of the
shield declines, the low-frequency slowing-down
increases and may even exceed its asymptatic value at
W — o0,

Detailed slowing-down curvestaken at two different
ratios between the radii of turns and longitudinal-con-
ductance (x < 1) shield are presented in Fig. 5. By
appropriately selecting the geometric parameters
(Fig. 5b), the dispersion characteristics of waveguides
with different shields may be rendered the same. This

kih
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1
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Fig. 4. Dispersion characteristics of helix waveguides with

coil pitchd =1 mm, turn diameter 2a = 10d, and outer shield

diameter 2b = 2.4a. (1) Helix without ashield, (k/h);= g=1;

(2) helix inside a continuous shield; and (3) helix inside a

longitudinally conducting shield. For all the waveguides,
lim k/h =0.032.
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Fig. 5. Low-frequency parts of the dispersion characteristics of helix waveguides with coil pitch d = 1 mm. The dashed line, a helix
inside a continuous shield; dash-and-dot line, a helix inside a longitudinally conducting shield; and continuous line, unshielded
helix. (a) 2a=10d, 2b = 2.4a and (b) 2a = 10d, 2b = 10a. For all the waveguides, fIim k/h =0.032.

fact may be put to good usein designing irregular loops
and matching the loop with a continuous shield
(see (22)).

According to (18), the dispersion-related relative
error in the shape of U1 (t) can be found by the formula

50, = [AU1 - |Av] (32)
U1 Vcr
whereAv=v —vg, v, =% isthe phase velocity
0= Wy

of the fundamental mode of the loop at frequency w,, =
1/1, and 1, isthe current pulse rise time.

For the dispersion curves shown in Fig. 5a,
501 = 171, 80 = 0.006, 80 =
for those shown in Fig. 5b,

0.11; (33)

50 = 171, 809 = 011, d0 = 0.09. (34)

As follows from the above estimates, dispersion
may heavily distort the pulse shape; however, the dis-
tortion may be decreased to a reasonabl e value by mod-
ifying the shield design.

Without pretending to completeness, these results
do illustrate not only the strong effect of shields on the
dispersion characteristics but aso the feasibility of
varying parameters y and v by properly selecting the
size of the shield and the slot. One can aso try to find
conditions that provide a minimal value of dispersion
parameter y and, hence, to minimize distortions; how-
ever, to do this requires a more rigorous waveguide
model than the one considered here.

(5) Taking into account shunting capacitance C (see
(26c)) makes it possible to more correctly estimate the
dispersion properties of the fundamental mode and find
excitation conditions for higher frequency modes,

which contribute to the error in measuring short current
pulses.

Consideration of shunting capacitance C also allows
oneto estimate the difference between the current mea-
sured, Jy, and current J, entering into formulas (4).
This difference, associated with azimuth currents pass-
ing through the shield, can be included by substituting
the Faraday induction law

£ = —Tib’Y,0H,/0t (35)

into boundary condition (26¢) written for the physical
quantities,

_ 1 6230
Jo = Jo+ ;)—g—a‘t'z—, (36)
we = 1/T°,C. (37)
If the capacitance is small,
(0Tg)* > 1 (38)

the difference between currents Jy, and J, is also small
and the correction can be calculated directly from (36).
Note that frequency wy, is more convenient to calculate
not from (37) but from the period of ringing, which is
often observed in voltage waveforms at the output of
the loop [2]. At moderate frequencies, (wgTo)? = 1, for-
mula (36) fails in reconstructing the shape of a current
pulse being measured and, accordingly, the configura:
tion of the loop should be refined.

CONCLUSIONS

Under the simplifications and assumptions made in
this work, our tentative analysis of the Rogowski loop
operation in the short-pulse regime indicates the fol-
lowing.
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(i) Dispersion should be taken into account both in
elaborating a correct theory and in experimental data
processing.

(i) The configuration of the shield to a great extent
specifies the dispersion characteristics of the electrody-
namic system of the loop.

(iii) The basic parameters of the dispersion relation
and the resonance frequencies can be determined by
processing a number of sequential voltage pulses
picked up from the load.

The analytical relationships obtained in this work
apparently have alimited range of applicability. To gen-
eralize them, it is desirable to dismiss the approach
based on the equivalent circuit and use a more general
electrodynamic theory of waveguide excitation by non-
stationary currents. This would allow us to more cor-
rectly consider the effects of shielding and multimodal -
ity, as well as nonuniformities in the induced emf dis-
tribution (i.e., in distribution k = K(x)). In addition, we
could have a chance to locate the current being mea-
sured in the loop’s cross section and to take into
account the inverse effect of the loop on the current
being measured.

TECHNICAL PHYSICS Vol. 50 No.9 2005
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It is aso worth noting that, when dlightly refined,
the solutions obtained are applicable to the problem of
excitation and reception of surface acoustic waves by
piezoelectric transducers and to analysis of fiber sen-
Sors.
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Abstract—New devices are proposed for producing self-contracting discharges. The operation principle of
these devices is based on focusing of plasma dliding over the insulator surface, when the magnetic field of the
sliding discharge itself presses the plasma channel to the surface and focuses it. One of the proposed devices
with an insulator in the form of adihedral angle is studied experimentally. X-rays are detected and an X-ray
image of the focused plasmais formed. © 2005 Pleiades Publishing, Inc.

Pinch-type devices such as the cylindrical Z-pinch
[1], crossing X-pinch [2], and plasma focus [3] are
often used for obtaining dense high-temperature plas-
mas and for generating thermal X-ray pulses and neu-
trons, as well as for pulsed thermonuclear fusion
research. In all such devices, the magnetic field of the
discharge executes bulk focusing of a current-carrying
plasma.

In patent [4], new devices were proposed for obtain-
ing such discharges with focusing and with a plasma
dliding over the insulator surface, when the magnetic
field of the diding discharge itself presses the plasma
channel against the surface and focusesit. Thisleadsto
suppression of kink and snake instability by the solid
surface of the insulator; ensures convenient visualiza-
tion of the plasmafocusing owing to open geometry of
the system; and results in exact localization of the
plasmafocusat the bent or in the corner on theinsulator
surface, which makes it possible to install the required
sensors for diagnostics of dense plasmas beforehand.

In accordance with [4], severa different devicescan
be designed, such as a device for generating a longitu-
dinal dliding Z-pinch (book-type configuration in
Fig. 1a) with plasmafocusing at the bend of the insula-
tor; adevice for obtaining a diding X-pinch (pyramid-
type configuration in Fig. 1b) with plasma focusing at
thetetrahedral angle of theinsulator; and aMeiser slid-
ing focus (book-type configuration in Fig. 1¢) with
plasma focusing at the bend of the insulator. In al
cases, a special arrangement of the current source and
power buses is required to ensure plasma pressing
against the insulator and plasma focusing.

It should be noted that the sliding discharge modeis
often used to form a plasma shell in traditional devices
for obtaining a cylindrical Z-pinch [5] and plasma
focus [6]; however, the discharge contours in these
devices are organized so that the magnetic field of the
discharge detaches the plasma from the insulator sur-
face and produces bulk focusing.

Here, we report the results of first experiments with
a Z-pinch in a device with a book-type configuration,
which demonstrate the operating capacity of this
device. Figure 2 shows such adevice. Theinsulator was
made of caprolan in the form of a 90°-dihedral angle
with 2 x 2-cm square faces; the thickness of the insula-
tor wall was 0.5 cm. The electrodes were made of stee!;
at a distance of 1.5 cm from the book edge, the elec-
trodes were equipped with tips initiating the surface
discharge. The device was placed in avacuum chamber
in which the air pressure was maintained at 10~ Torr.

We used a power source with the following charac-
teristics: capacitance 0.8 pF, inductance 0.55 pH, and
charging voltage 75 kV. Power was supplied to the
device viaRK-75-9-13 coaxial cables. The total induc-
tance of the discharge loop was 0.95 pH.

In our experiments, we recorded discharge current
pulses in the loop, light pulses, UV radiation pulses,
and soft X-ray pulses (SXPs). A pinhole camera was
used for obtaining an X-ray image of the discharge.

Light pulses were registered with the help of a pho-
tocell F-22, while a photocell F-32 registered UV radi-

(b) (c)

~ N LR N

Fig. 1. Proposed configurations of devicesfor studying slid-
ing pinches: (a) Z-pinch of the “book” type; (b) X-pinch of
the “pyramid” type; (c) plasma focus of the “book” type:
1—current source; 2—electrodes, 3—tips for initiating a
discharge; 4—surface of theinsulator against which the dis-
charge is pressed; dashed curves show discharge channels.

1063-7842/05/5009-1230$26.00 © 2005 Pleiades Publishing, Inc.
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Fig. 2. Device for studying the sliding Z-pinch of the
“book” type.

ation pulses. The diaphragms on photocells F-22 and
F-32 were chosen so that the amplitudes of their signals
induced by theflash of acalibration lamp | FK-120 were
equal. SXP pulseswere registered using three semicon-
ductor detectors SPPD-11. The first detector was not
equipped with a filter and detected radiation with a
quantum energy E, > 400 eV; the second detector was
equipped with a10-um-thick Dacron filter with a 1-pm-
thick aluminum coating. This detector registered radia-
tion with aquantum energy E, > 2 keV. Thethird detec-
tor with an auminum foil filter (10 um in thickness)
registered radiation with a quantum energy E, > 5 keV.
All detectors were mounted in the vacuum part of the
device at adistance of 100 mm from the discharge. The
pinhole camera had the same filter as in the second
detector and was placed at a distance of 180 mm from
the edge of the dihedral angle.

Figures 3 and 4 show oscillograms of the pulses
obtained for the discharge current amplitude of 70 kA
in the loop. The UV pulse amplitude was an order of
magnitude larger than the amplitude of the light pulse.
The amplitudes of the pulse from the first, second, and
third detectors were 2.8, 0.4, and 0.07 V, respectively.

It iswell known that the sensitivity of semiconduc-
tor detectors SPPD-11 is 5.5 x 108 A s cm?/quantum
for E, = 400 eV, 56 x 108 A s cm?/quantum for E, =
2 keV, and 155 x 108 A scm?/quantum for E, = 5 keV.
The filters of the second and third detectors suppresses
radiation with E, = 2 and 5 keV by factorsof 3and 1.7,
respectively. For this reason, the radiation flux with
E,> 400 eV is 23 times that for radiation with E, >

TECHNICAL PHYSICS Vol. 50 No.9 2005

Fig. 3. Oscillograms of current and radiation: 1—light
pulse; 2—UV pulse; 3—discharge current; sweep is
10 p</div.

Fig. 4. Oscillograms of current and X-ray radiation: 1—dis-
charge current; 2—SXP from the first detector (E, >
400 eV); 3—SXP from the second detector (E, > 2 keV); 4—
SXP from the third detector (E, > 5keV); sweepis1 ps/div.
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Fig. 5. X-ray image of the plasmain the focus region, inte-
grated over the pulse.

2 keV, while the radiation flux with E, > 2 keV is
27 times that for radiation with E, > 5 keV.

Theimage of the pinch obtained with the help of an
X-ray pinhole camerais shown in Fig. 5. Thisimageis
integrated in time; consequently, we can state that radi-
ation with the highest intensity corresponds to the
instant of discharge pinching. The characteristic trans-

SELEMIR et al.

verse dimensions of the X-ray source formed in the
region of the edge of the dihedral angle were ~1 mm.

Thus, preliminary experiments indicate the effec-
tiveness and promise of the devices proposed here for
studying magnetic focusing of high-temperature plas-
mas.
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Abstract—The effect of fast charged and neutral particles on the emission properties of different materialsis
investigated. In many plasma devices, a flux of fast atoms and ions produces a specific self-sustained state of
thelayer near the cathode surface. In particular, thislayer is saturated by working gas atomsto adepth of several
monolayers. This state variously modifies different types of emission. Potential emission, taking place under
the action of metastable atoms and ions, weakens because of arisein thework function. On the contrary, kinetic
emission, which is due to fast heavy particles, is enhanced, since energy losses in the modified near-surface
layer increase. Photoemission resulting under the action of resonance radiation increases considerably, and its

mechanism changes. © 2005 Pleiades Publishing, Inc.

(1) Plasma devices, in which fluxes of charged and
neutral particles (electrons, ions, and atoms) are gener-
ated, are being widely used in contemporary science
and technology (their application ranges from devices
intended for magnetic plasma confinement to etchers
used in semiconductor technology). The key factor
governing the properties of the devicesisthe emissivity
of structural materials exposed to fast heavy particles
and photonsin the vacuum UV (VUV) range. Emission
caused by particle bombardment has been studied for
about acentury. To date, ahuge body of both theoretical
and experimental data on this issue has been collected.
However, attempts to employ these data in ssimulating,
for example, the anomal ous gas discharge often applied
in plasma technologies have led to the conclusion that
the behavior of electrical characteristics (in particular,
decreasing |-V characteristics [1, 2]) is physically
meaningless[1]. Despite significant effortsmadein this
field, the authors of [3-5] inferred that emission under
the conditions considered is basically unpredictable.

To resolve this contradiction requires that other
approachesto the problem be applied. In particular, one
should assume that the material in the near-surface
layer is characterized by a specific state with consider-
ably modified emission properties. The am of this
study isto elucidate amechanism of such modifications
and how they influence the emissivity.

(2) Implantation of particles with energies ranging
from a fraction of a kilo-electron-volt to several kilo-
electron-volts into the material as a mechanism of sur-
face modification has not yet been considered. Note
that, when a gas discharge occurs in argon with a Cu
cathode at afield intensity in the cathode region E/N =
100 kTd or at an average energy of ions and fast atoms
of 500 eV, the penetration depth cal culated according to

[6] equals=25 A (E isthefield intensity, N is the parti-
cleconcentration, and 1 Td = 102*V m?). Theradius of
anAr atom for an interaction energ’K of =5eV (whichis
equal to thework function) is1.85 A [7]. Consequently,
more than six Ar monolayers form in the near-surface
layer if the atom density in a monolayer is taken to be
equal to ~10™° m=. At acurrent density of 10 A/m?, the
flux of fast atoms and ions into the material is =2 x
10 m=2 s, while the diffusion flux in the opposite
directionisweaker by severa orders of magnitude. The
energy of electron detachment from atoms, such as
hydrogen atoms in tokamaks or high-temperature traps
and noble gas atoms in discharges, significantly
exceeds the free energy of structural materials. There-
fore, working gas particles implanted into the target
stay in the atomic state and the near-surface layer
remains saturated.

Exchange interaction, greatly expanding the cross
section of inelastic collisions between identical atoms,
raisesthe probability of ionizing theimplants. Sincethe
kinetic part of the coefficient of ion—electron emission
is proportional to energy losses due to particle—particle
inelastic collisions in the cathode [8], v, ~ (dw/dXx);, the
emission threshold lowers and the emission yield
grows. The mean free path of the resulting electronsis
several tensof angstroms[9], and so the entire modified
layer contributes to emission. For potential emission,
the implants, which have a high ionization energy, pro-
duce an additional barrier raising the work function [8].
Therefore, the yield of electrons drops.

Figure 1 (curve a) shows coefficient y,, of apparent
emission for a Cu cathode exposed to argon atoms and
argon ions in an anomalous discharge. The curve was
calculated for a wide range of E/N based on the model

1063-7842/05/5009-1233$26.00 © 2005 Pleiades Publishing, Inc.
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Fig. 1. Apparent emission coefficient vy, vs. reduced field
intensity at the cathode: (a) the model used in this study,
(b) the model of pure surface, and (c) the model of contam-
inated surface. The data points are taken from (1) [1],
(2 [10], (3) [11], (4) [12], and (5) [13].

considered. For the coefficient of potential emission,
wetook y;, = 0.03, asfollows from measurements made
under actual gas-discharge conditions [1]. Kinetic
emission is related to the interaction of fast heavy par-
ticles with the cathode and the argon atoms implanted
in it. The emission from the Cu cathode under the
action of argon ions and argon atoms was calculated
using the approximation [3] for the material cleaned by
discharge sputtering, y; , = 5 x 105k T; "2 (~300/KT; ,),
where k is the Boltzmann constant and T, , is the tem-
perature of heavy argon particles. In turn, KT; , =
1.9(E/N)*1, where KT and E/N are expressed in eV and
kTd, respectively. It was taken into account that there
were two fast atoms for an ion [10]. The emission
caused by interaction with the implanted argon was cal -
culated by the genera relationship y,. = A(dw/dx); [8],
where A = 101! m/eV. The energy losses were evalu-
ated from the ionization coefficient and coefficient of
resonance state excitation [3]; the elastic losses,
according to [6].

Today, the available techniques for calculating the
secondary electron extraction coefficient lack accuracy;
therefore, curve 1in Fig. 1 was calibrated at one point:
at E/N = 100 kTd, y,, = 0.27 according to [4]. The
experimental data known to date are also presented in
Fig. 1. For comparison, curves b and ¢ show the datafor
Y Calculated in terms of the “pure’ and “contami-
nated” surface models, respectively [3]. The observed
spread in y,, characterizes the surface condition. It is
seen that the model proposed eliminates this spread and
isin good agreement with the experimental data. Spe-
cifically, in terms of this model, the significant decrease
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Fig. 2. Current i in the accelerating gap, apparent emission
coefficient yo, (P=(1) 5, (2) 8.8, and (3) 15 Torr), Townsend
coefficient o, and operating temperature T vs. reduced field
intensity E/N.

in the energy threshold for kinetic emission, which is
observed in the experiments, is accounted for by exci-
tation and ionization of implanted atoms when fast par-
ticles of the working gas bombard the cathode.

(3) Implantation of working atomsinto near-surface
layers radically modifies the photoemission mecha-
nism. For radiation intheVUV range (A < 100 nm), the
absorption coefficient in metals decreases rapidly,
which leads to a sharp drop in electron yield y, under
the action of photons[2, 14, 15]. For implanted helium
atoms, the resonance radiation absorption cross section
calculated for the Doppler profile is on the order of
107Y m?. This corresponds to the total absorption over
1072 of a helium atom monolayer. Under these condi-
tions, the resonant state is rapidly deactivated due to
Auger processes. The rate of deactivation is compara-
ble to, or even exceeds, the rate of radioactive decay
[8]. As far as we know, emission coefficient y, corre-
sponding to this mechanism has not been measured.

Experiments with photoemission from near-surface
atoms were carried out using the setup described in
[16]. The measuring cell contains an accelerating gap
(I = 102 m) formed by a gridlike anode and a massive
Fe cathode. The electrons accelerated are gathered by a
collector. The current in the accelerating gap is
described by the relationship [5]

I = igeXPaNI/(1 — yy(expaNIl — 1)),

where iy is the emission current produced by optical
illumination from the drift space and a isthe Townsend
coefficient of electron multiplication.
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|-V characteristics of such adischargein helium are
exemplified in Fig. 2. From a family of 1-V curves
obtained at different pressures and iy, one can find yy,
and a entering into the expression for i. In the range of
small E/N (down to E/N = 700 Td), where y,, depends
on E/N only dlightly, potential emission with coefficient
Yip = 0.158 + 0.007 prevails. According to the formula
Yip = 0.032(0.78E; — 2®) [17], this corresponds to work
function @ = 7.1 eV versus @, = 4.3 €V for the pure
cathode surface (here, E; is the ionization energy of an
atom striking the cathode). As follows from Fig. 1, for
the dischargein Ar, ® = 5.67 eV versus 4.4 eV for pure
Cu. Consequently, implanted He atoms create a higher
threshold for electron escape than Ar atoms in full
accordance with the theory of potential emission [8].

As ratio E/N increases, other mechanisms of emis-
sion come into play. At voltages U > 600 V, when the
processes of excitation and ionization in the gap
weaken considerably because of a decrease in a (see
[18] and Fig. 2), optica illumination from the drift
space due to deceleration of fast electrons becomes a
key factor. Kinetic emission of electrons contributes
insignificantly (Ay; , = 0.008 at U = 630 V) according
tothedataony; ,for helium [19]. Consequently, contri-
bution v, of photoemission to Yy, IS Yon = Yap — Vip —
Ay, ,= 0.78. The amount of photons that reached the
cathode, N,,, was calculated with allowance for excita-
tion dueto (i) the avalanche multiplication of electrons
in the gap; (ii) fast electrons scattered by the anode;
(iii) the field extending outside the anode; and (iv)
accelerated electrons emitted from the cathode, form-
ing in the gap, and escaping into the drift space. The
total amount of photons per emitted el ectron was found
tobe Ny, =3.5a U =630V. Thisyields emission coef-
ficient y, = /Ny, = 0.22 versus 'y, = 0.03 for the pure
surface[3]. Thetheoretical coefficient of emission from
excited atoms calculated by the formula y, =
0.032(0.78E, — ®) [8, 17] isy, = 0.3 (E, isthe excitation
energy of resonance states). Hence, it follows that more
than 70% of helium atoms excited in the surface layer
are deactivated in Auger processes and generate elec-
trons.

Thus, modification of the near-surface region (sev-
eral monoatomic layers in thickness) under the action
of fast working particlesleadsto aradical changeinthe
emissivity of materials. The mechanisms of potential
emission (due to ions) and of kinetic emission (due to
fast heavy particles) remain the same: the changes are
of only quantitative character. The potential emission
weakens, whereas the kinetic one is enhanced, with a
simultaneous decrease in the energy threshold. At the
same time, the mechanism of photoemission changes
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completely and the process passes through two stages:
the excitation of the resonant state of implanted atoms
and the deactivation of the atoms through Auger pro-
cesses with electron generation. In this case, the emis-
sion coefficient increases considerably as compared
with that for the pure surface. Our results are in good
agreement with the available data obtained under con-
trolled experimental conditions.
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Abstract—Experiments show that drying of the same protein colloidal solution in open (air) and closed sys-
tems resultsin two thermodynamically nonequilibrium processes differing in character of energy relaxation. It
has been shown that fast removal of the water (evaporation in this case) from the protein—water systemiscrucial
for the protein to stay in the nonequilibrium state. To a certain extent, thisfact can be considered asasimplified
experimental equivalent of fast adenosine triphosphoric acid (ATF) hydrolysis, a reaction common to living
organisms, since fast removal of the water from the water—protein system is also typical of thisreaction. This
analogy, as well as the similarity (in appearance and types and scales of symmetry) of the protein structures
resulting upon drying the protein colloidal solution in vitro and in vivo, suggests that the relaxation processes
taking place at nonequilibrium protein self-organization are similar in thermodynamic parametersin both cases.
Thus, there appears the possibility of studying the protein in both the equilibrium and nonequilibrium (as yet
poorly understood) state. © 2005 Pleiades Publishing, Inc.

Long-standing experiments published elsawhere
give impetusto discussion concerning the energy relax-
ation process during drying of the protein colloidal
solution under different conditions (in open and closed
systems, in a state with a different degree of nonequi-
librium, etc.). It has been convincingly (with 100%
reproducibility) demonstrated that room-temperature
drying of the same protein—water colloidal solution in
an open and closed system on a hard substrate is
accompanied with different energy relaxation pro-
Cesses.

At dow dehydration in the closed system, the pro-
tein crystallizesinto an equilibrium structure with long-
range order on the angstrom scale. In the open system,
evaporation proceeds much more rapidly, the condi-
tions are far from equilibrium, and the character of
energy relaxation differs. The medium is activated,
exhibiting autowave processes and self-organization
properties. Thelatter show up in self-similarity, replica
tion, and multiplication of 3D helical vortical structures
with orderly arranged defects. The defects become
macroscopic; the homogeneous mass is divided into
blocks (domains or cells with a nucleus at the center);
and attributes of autocatalysis, of which a high-energy
stateistypical, arise.

Thus, the protein in the open system exhibits prop-
erties typica of nonequilibrium systems (the
Belousov—Zhabotinsky reaction, Benard phenomenon,
etc.), where self-organization features nonlinear
dynamics and a transition to a high-energy state with
free-energy dissipation. In the case at hand, drying of
the protein solution causes structuring, whose dynam-
ics, in essence, represents the route of energy stabiliza-
tion.

The two types of energy relaxation observed at dry-
ing of the same protein solution in less and more non-
equilibrium (close and open) systems are dueto the sec-
ond law of nonequilibrium thermodynamics. Note that
one route of drying is energy-consuming, while the
other is conservative. The question arises asto whether
the phenomenon observed is pertinent to what happens
with protein in the living organism and whether thereis
at least abit in common in seemingly radically different
processes asvital functions and protein solution drying.

Therevealed analogy and the similarity of the struc-
tures (in appearance and types and scales of symmetry)
resulting upon dryinginvivo and in vitro lead usto | ook
for reasons for such likeness. It is certain that life, with
its activity, high energy, mobility, nonequilibrium, and
nonlinearity, originates if that form of protein among
the above two which offers the attributes of activity
serves as a driving force of evolution. It is logical to
assume that nature uses the protein in the more non-
equilibrium state as a building block of animate matter.
Therefore, this form of protein is of specia interest in
investigating living systems. Significantly, it is pre-
cisely this state that has been found to occur upon dry-
ing the protein solution in vitro in the open system (in
air). It seems that a factor common to the processes in
vitro and in vivo isthat the protein in the open systemis
active or, in other words, nonequilibrium; that is, non-
equilibrium is pronounced both in vitro and in vivo. In
view of the aforesaid, let us consider the energy relax-
ation process from another standpoint.

Today, it is generally accepted in biology that the
basic source of the energy needed for synthesis and
functioning of the protein (for its conformation transi-
tions) isfast ATF hydrolysis with subsequent phospho-
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rylation of the protein [1-7]. Yet, the source of the cat-
alytic strength of the protein (enzyme), the reason for
its transition to the high-energy state, and the character
of energy relaxation still remain a mystery. It has been
shown, however, that self-organization, the inherently
nonequilibrium process [8, 10], is centra to all phe-
nomenataking place in animate matter, including pro-
tein. At the same time, the experimental data currently
avail able demonstrate that, when drying out under non-
equilibrium conditions in an open system on a hard
substrate, the protein passes to a distinctly nonequilib-
rium state, which is in the process of self-organization
[11-16]. Apparently, therein lies the fundamental simi-
larity of the processesin vitro and in vivo.

The experiments described above are hoped to draw
researchers attention to spontaneous self-organization
in an attempt to somehow separate this process out of
the complex inseparable processes occurring in the liv-
ing organism. To do this certainly calls for a deeper
insight into the condensation dynamics and structuring
of the protein in its nonequilibrium state under highly
noneguilibrium thermodynamic conditions. These pro-
cesses can be simulated singly only in vitro. To date,
sparse experiments of this sort have been carried out.
Emphasis has been on examining the equilibrium crys-
tal structure (lattice with long-range order) of the pro-
tein (by X-ray diffraction analysis and similar tech-
niques).

Yet, early steps on the road to studying the nonequi-
librium state of the protein have already been made
[11-16]. Even they strongly suggest that in vitro struc-
turing and autocatalysis in the nonequilibrium state of
the protein may proceed without participation of ATF:
it is absent upon drying the protein.

The experimentsin vitro have demonstrated that fast
removal of the water (evaporation in our case) from the
protein—water system is crucial for the state of the pro-
tein to be highly nonequilibrium. These experiments
may be viewed asasimplified equivalent of thereaction
actually proceeding in the living organism: fast ATF
hydrolysis (water capture). Thereby, there has appeared
a chance to separate out one stage, fast dehydration of
the protein in the water—protein system, from the com-
plex process of functioning of the living organism and
visualize its role in the process of protein polymeriza-
tion (synthesis) inasimplified formin vitro. Despitethe
simplicity of the experimental conditions, it has been
proved that fast removal of the water makes the system
highly nonequilibrium, i.e., the protein takes the non-
equilibrium state upon condensation and self-organiza-
tion.

These findings alowed us to clarify the source of
energy potential at drying (condensation) of the protein
colloidal solution in vitro in the absence of ATF. It is
known that self-organization releases (minimizes) free
energy of the system through relaxation during stabili-
zation of the nonequilibrium state [8-10Q]. It is this
mechanism that provides functioning (structuring and
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conformation reconfiguration) of the protein in our
experiments.

Such a viewpoint is totally consistent with the idea
put forward in [17], where it was assumed that sponta-
neous self-organization is the climax of condensation,
which executestheintrinsic program of agiven system.
The author believes that this process alone may be
responsible for nonlinear dynamics featuring the pres-
ence of organized algorithmically repetitive supramo-
lecular dissipative structures from the nano- to macros-
caleinvitro and in vivo. This program forbids the sys-
tem from evolving in another direction. Based on the
data mentioned above, the functioning of ATF may
schematically be represented as fast capture of the
water using a phosphate chemical system that triggers
the fast reaction of protein dehydration (in ATF hydrol-
ysis) and energy release during protein phosphoryla-
tion. One may extend the results of the experimentsin
vitro, thinking that fast dehydration in vivo also sets
nonequilibrium conditionsin the water—protein system,
which are a prerequisite for the self-organization of the
nonequilibrium protein.

One can assume that, in the living organism, both
sources of the energy that arises during the self-organi-
zation of the protein and depends on its phosphoryla-
tion compete, providing the maxima activity and
mobility typical of biological systems. It isnot improb-
able, however, that self-organization in vivo may pro-
ceed without participation of ATF.

The aforesaid can be supported by a set of theoreti-
cal and experimental dataand also by the results of bio-
logical studies.

(1) It is common knowledge that the functioning
(self-organization) of the living organism is possible
only in open systems, which are far from thermody-
namic equilibrium: the equilibrium state of the living
organism means its death [1-9, 18, 19].

(2) The experimental data obtained by the author
show that self-organization of the protein with confor-
mation reconfigurations in the nonequilibrium state
occurs only upon drying the protein colloidal solution
in the open (far from thermodynamic equilibrium) sys-
tem naturally in the absence of ATF [11-16].

(3) It should be noted that there exists a body of
experimental and clinical data indicating the function-
ing of the protein in the absence of ATF, such as the
functioning of the proteinin vitro without ATF [18, 19],
the antigen—antibody reaction widely applied in medi-
cal practice, and the functioning of pure hydrated
(freeze-dried) protein.

(4) Next, recent biological observations that indi-
rectly support the effect of nonequilibrium and nano-
structures on the functioning of the proteinin theliving
organism are noteworthy. It has been shown, for exam-
ple, that enzymes function with a high rate, offering a
unique ability of synchronization. Such behavior,
which istermed the unstable dynamics of the protein, is
characteristic, in particular, of microtubules of the pro-
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tein [20]. ATF hydrolysis, causing fast polymerization,
istoday considered as a reason for the coherent behav-
ior of the protein [21, 23]. This concept is most impres-
sively corroborated by mitosis, when the microtubules
are assembled and diassembled with a very high rate.
Importantly, all vital processes in the living organism
(division, multiplication, functioning, etc.) originate at
the nanolevel and evolve to the macrolevel.

CONCLUSIONS

Thus, the experiments with the protein in vitro dis-
covered the universal thermodynamic energy properties
of matter: self-organization from the nano- to mac-
rolevel. These properties are known to be inherent to
inorganic, organic, and animated matter [8-10, 17, 19].
It may be inferred that dissipative structures also occur
in the protein under the nonequilibrium conditions of
stabilization of its nonequilibrium high-energy state. In
other words, the source of activity and mechanical
work of the protein may be related to the intrinsic
dynamics of its self-organization, i.e., structural (con-
formation) reconfigurations reaching the macrolevel.

The analogies in the protein behavior discussed
above, aswell asthe similarity (in appearance and types
and scales of symmetry) of the protein structures result-
ing upon drying the protein colloidal solution in vitro
and in vivo [11-16], suggest that the relaxation pro-
cesses taking place at the self-organization of the non-
equilibrium protein are similar in thermodynamic
parametersin both cases. Thus, there appears the possi-
bility of studying the protein in both the equilibrium
and nonequilibrium (as yet poorly understood) state.

A more detailed investigation into the nonequilib-
rium state of the protein and itsrolein the living organ-
ism could favor further advancesin proteomics (the sci-
ence of protein); biology; biotechnology; pharmacol-
ogy; medicine (diagnostics and treatment); and
technology, where organic polymers, in particular, pro-
tein nanostructures, are today playing a progressively
important role.
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Abstract—An approach to describing the earlier discovered power-type frequency dependence of microwave
attenuation Y by vegetation fragmentsis developed. It is established that Y ~ «®~®, where wisthe circular fre-
guency, 3isthe dimension of the Euclidean space, and D isthefractal dimension of the structure related to veg-

etation fragments. © 2005 Pleiades Publishing, Inc.

INTRODUCTION

In[1], the power-type frequency dependence of the
attenuation of microwaves by vegetation fragmentswas
found experimentally (Fig. 1). The most natural way of
explaining this dependence is invoking the fractal
approach and using an equivalent electrical circuit.
With such an approach, it becomes possible to express
the exponent in the frequency dependence of the atten-
uation through fractal dimension D and the dimension
of the Euclidean space, in which the fragments are
embedded. In this work, the attenuation will first be
expressed though reduced impedance 6, which is a
commonly used physical quantity [2]. Then, we will
construct a fractal set describing vegetation fragments
and simulate the electrical properties of the fragments
by equivalent electrical circuitsto make up a hierarchi-
cal system and find a desired frequency dependence of
the attenuation. Finally, we will show how the depen-
dence found can be determined by qualitative fractal
analysis.

1. RELATIONSHIP
BETWEEN THE ATTENUATION AND REDUCED
IMPEDANCE

The measuring setup used inthiswork isdepictedin
Fig. 2[1]. Aswasnoted in [1] and is seen from Fig. 2,
the experimental conditions allow us to assume that a
plane wave is incident on the 3D layer formed by veg-
etation fragments. The aim of the experiment isto mea-
sure the wave of intensity (1/Y)€"* that passes through
the 3D layer. Here, Y isthe desired attenuation, k isthe
wavenumber, and x is the propagation direction of the
plane wave. For a homogeneous medium, the micro-
wave wavenumber squared is

where w is the circular frequency, C is the speed of
light, and € is the complex permittivity. The attenuation
is found by solving the wave problem for a three-layer
(free space-3D layer filled with vegetation fragments—
free space) medium. With regard to the existence of the
forward and backward waves in the 3D layer, factor Y
(attenuation) can be expressed as follows:

_ 1
Y =35 )

The reduced impedances in inhomogeneous and
homogeneous mediadiffer. Wewill assumethat alinear
relationship between the attenuation and the reciprocal
of the reduced impedance holds in inhomogeneous
media like vegetation fragments too. A simplest model
that can relate the reduced impedance to the inhomoge-
neity of the medium handles afractal set.

2. FRACTAL SET

A fractal model of vegetation fragmentswill be con-
structed by invoking the principles of fractal geometry
[3, 4]. Similar models were used, for example, in
roughness analysis[5].

Let ushaveasingle branch. Thelength of the branch
can be measured on scale x applying it only once,
N(X) = 1. We divide the branch into three parts so that
the side parts account for L/a of the initial length and
discard the middle part. Now, taking scale x/a and
applying it twice, one can measure the length of thetwo
remaining parts, N(x/a) = 2. Substituting 2N(x) for 2,
we obtain the functional equation N(x/a) = 2N(X). Its
solution is N(X) ~ x°, where exponent D = In2/Ina is
caled the fractal dimension. For several branches
placed on aplane, the construction described above will

1063-7842/05/5009-1239$26.00 © 2005 Pleiades Publishing, Inc.
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Fig. 3. Equivalent hierarchical circuit used to simulate veg-

etation fragments.
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3. EQUIVALENT ELECTRICAL CIRCUIT

To analyze wave processes in inhomogeneous
media, it is necessary to know analytical frequency
dependences of basic electrical parameters. These
dependences may be found using equivalent electrical
circuits, which “highlight” them [6]. The essence of
graphical representation of the Maxwell equations is
that electromagnetic fields in a domain considered are
mapped onto a spatia electric circuit with limped or
distributed elements [7]. Correlation between a phe-
nomenon under study and its related electrical circuit
(i.e., construction of an equivalent circuit) means that
the parameters of the equivalent circuit and those of the
phenomenon follow the same relationships. Here, we
assume that vegetation fragments form a capacitive
medium and so can be simulated by resistance R and
capacitance C in awide frequency range.

It is remembered that we are dealing with the
reduced impedance. The reduced impedance of an elec-
trical circuit can be determined by dividing the resis-
tance of all its elements by the free-space resistance,
which equals 377 Q (the awkward formulafor the free-
space resistance is omitted).

Let us now proceed to simulating the electrical
properties of vegetation fragments by an equivalent
hierarchical electric circuit consisting of resistance R
and capacitance C (Fig. 3). The circuit in Fig. 3 isthe
same as that used in [5]. The reduced impedance of the
first (initial) branch is

1
o(w) = R+ —C

Resistance r of either of the next two parallél
branches emerging from the initial one is taken to be
r = aR with capacitance C remaining the same. The
impedance of these two parallel dielectric branches is
given by

5(0) = %B;FH i-(:)la%.

We recast this formulain the form that clarifies the
scheme of constructing the total impedance,

1

5(w) = —
1,1
1/aR iwC

Similarly, the resistance of either of the two parallel
branches emerging from each of the former two istaken
to be o = Ra? and their capacitance remains unchanged.
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Eventually, the total impedance has the form of an infi-
nite fraction,

5(w) = R+ 1

2

oaR+ 1
iwC +

iC +

2

a’R+ ...

Factoring out a from the expression

1 n
E]RJr iwC+..0
yields

a
— 3)

iwC + 6_(wa)

In the limit d(w) < 1, it follows from (3) that

5(w) = R+

5(w) = 53(aw). @
The spatial form of expression (4) is
C(S
o(w) = gé(aw).

Thisisafunctional equation that has, in view of (2),
the solution

3(w) Dw>*P. (5)

Substituting (5) into (1) yieldsthe desired frequency
dependence of the attenuation,

YOw P, (6)

Using the data obtained in [1], we find the fractal
dimension for three values of the relative humidity of
vegetation (see[1], Fig. 3): D(1) =0.95,D(2) = 1.3, and
D(3) = 2.3. Thesefractal dimensions seem to be typical
of vegetation fragments and, possibly, large forests.

4. QUALITATIVE FRACTAL PATTERN

As was noted in [1], “a near-linear dependence of
the attenuation on the vegetation biomass is observed.”
Since the volume of the measuring chamber was fixed,
the attenuation varied in proportion with biomass den-
sity p. The biomass density, inturn, isrelated to thelin-
ear size[8]. Let thelinear size be A. Then, by virtue of
the relationship Y ~ p, we have Y ~ 1/A3-P. According
to the basic statements of the fractal geometry, one
must have a ruler to study inhomogeneous objects.
With a ruler, one can study the objects on different
scales. If electromagnetic waves are taken as a measur-
ing tool, the wavelength can be naturally used as a
scale. In other words, quantity A mentioned above
should be taken as the electromagnetic wave length.
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Substituting L/w for A, we again arrive at relation-
ship (6).

Some closing remarks are necessary. The fractal
dimension reflects the geometric properties of inhomo-
geneous media. However, Fig. 1 clearly indicates that
fractal dimension D depends on the humidity: as fol-
lows from (7) and the conclusions drawn in [1], it
decreases with increasing humidity. Such avariation of
the fractal dimension implies that humidity has a con-
siderable effect on the geometric characteristics of veg-
etation fragments. Thisissuewill be studied at lengthin
subsequent publications. Here, we only note that

D = 0.582m *®

where m is the gravimetric humidity of vegetation, as
follows from the datain [1].

CONCLUSIONS

By virtue of self-similarity, the basic property of the
fractal geometry, physical quantities represented on
different scales are related to each other via a power-
type dependence. In general, however, exponents in
these dependences cannot be expressed through the
fractal dimension using only the self-similarity of the
objects, which necessitates other approaches. As
applied to electromagnetic wave attenuation by vegeta-
tion fragments, we suggest an approach in which the
geometry of the fragments is represented by a fractal
Set.

The frequency dependence of the attenuation is
determined with the reduced impedance, and the inho-
mogeneous medium (vegetation fragments) is repre-
sented as afractal structure. The electrical properties of
the fragments are smulated by an equivalent hierarchi-
cal circuit consisting of resistances and capacitances.
Such acircuit makesit possible to express the exponent
in the frequency dependence of the attenuation through
the fractal dimension.

The same frequency dependence of the attenuation
is obtained by means of independent qualitative fractal
analysis. Based on the data reported in [1], a formula
relating fractal dimension D to the gravimetric humid-
ity of vegetation fragmentsis suggested.
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Abstract—The effect of delay in the thermocapillary response of a transparent liquid layer on an absorbing
substrate during its heating by alaser beam is discovered. The response is an interference pattern formed on a
screen placed in the beam cross section by the beam reflected from a thermocapillary dip. It is found that the
delay time of the response of athin (h < 1.8 mm) layer of aliquidin aviscosity range of 3-6 mPasto a20.9-mwW
exciting beam from aHe-Nelaser (A = 633 nm) is proportiona to the squared layer thickness with a proportionaity
factor depending on the viscosity and thermal diffusivity of theliquid. © 2005 Pleiades Publishing, Inc.

Until recently, photoinduced thermocapillary (TC)
convection has been studied predominantly in layers of
strongly absorbing liquids of thicknessh > 2 mm[1-3].
The application of phenomenon in laser diagnostics of
liquids [4, 5] requires its study in a transparent liquid
layer with h < 2 mm on an absorbing substrate. We
detected the effect of TC response delay for the first
time in such investigations.

It iswell known [6] that if a heat source isinstanta-
neously formed on a substrate covered with a layer of
liquid so that the temperature of the liquid increases by
AT, the isotherm ATe™ will reach the free surface of the
liquid after atime of

T = h%/4nk, (1)

where K is the thermal diffusivity and n is a positive
number.

This simple idea forms the basis of a number of
methods for measuring the thermal diffusivity of solids
[6].

Itisalso known that liquids exhibit ahigh sensitivity
to shear stresses, including those of TC origin. It isthis
property that formed the basis of a number of liquid-
layer systems for information recording [ 7-9].

The sensitivity of aliquid to shear stresses, whichis
characterized by number n, obviously depends on vis-
cosity W. The value of the tangential stress,

T _ OV,

producing the observed effect increases with viscosity
and vice versa. Here, yisthe thermal coefficient of sur-
face tension, T is the temperature, and v, is the radial

velocity field. This study is devoted to verification of
the existence of the predicted delay and to determining
its dependence on the layer thicknessand theliquid vis-
cosity.

The schematic diagram of the experiment is shown
inFig. 1. Laser beam 1 induced TC convectionin layer
13. Since the diameter of the emerging TC deformation
of the surface exceeded the diameter of the inducing

Fig 1. Experimental setup: single-mode He-Ne laser LG-
25-1inducing laser (A =633 nm, P = 20.9 mW) (1) and test
laser LGN-207a (P = 0.5 mW) (2); shutter (3); mirrors (4—
6); spherical mirror (7); light filter (8); screen (9); microme-
ter tripod (10); ebonite cuvette of diameter 65 mm (11);
glass lid with a hole of diameter 10 mm (12); liquid layer
(13); gauge wire (14); CCD video camera ACE-S560CH
(600 lines, 25 frames/s) with Helios-44 objective (15); vid-
eotape recorder AIWA HV-GX1100 (16); and computer
Pentium-4 with TV tuner Aver MediaV C-8139 (17).

1063-7842/05/5009-1243%$26.00 © 2005 Pleiades Publishing, Inc.
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Physical characteristics of liquids

BEZUGLYI, CHEMODANOV

Volume Ra -9
iquig | Viscosity | expansion | =35 — X 10
Liqui 1, mPas | coefficient| 9 AT n

B, K FIm*K

Ethylene 19.9 0.64 0.36 14

glycol

Benzy! 5.8 0.75 1.87 2.6

acohol

Butanol-1 2.95 0.95 3.35 31

n-octane 0.546 114 15.7 35

beam in the layer (2.5 mm), the boundaries of the TC
response were blurred. For complete coverage of the
deformation zone of the free surface, atest beam from
laser 2 (with a diameter of 10 mm in the layer), which
was expanded by spherical mirror 7, was used; this
beam did not introduce any noticeable perturbations.
The setup was adjusted with the help of mirrors 4-7 so
that the responses to both beams were present on screen
9inthefield of vision of video camera 15, the inducing
beam being suppressed by attenuator 8 to the brightness
of the test beam. Gauge wire 14 was used to adjust the
preset layer thickness [9], and horizontality of the
cuvette bottom was attained with the help of microme-

D, mm
60

40

20

Ta
1 1 1

ter tripod 10. The characteristics of liquids studied are
givenin thetable.

The experiments were made at a temperature of
21 + 1°C in the following manner. Liquid was poured
into cuvette 11 with the help of a micropipette and was
covered with glasslid 12 with acentral hole of diameter
10 mm. Thelid noticeably reduces evaporation and pro-
tects the layer from the action of convective air flows.
The hole ensures the access to the layer for measuring
itsthicknesswithout affecting the conditionsin the bulk
of the gaseous phase in the cuvette and ruling out mul-
tiple reflection of light from two glass surfaces and
from the surface of the liquid. After adjusting the layer
thickness, videotape recorder 16 was switched on for
recording; shutter 3 was opened, and the response evo-
lution was recorded. The diameter of the response was
determined from the frames of video material with the
help of the software Photoshop.

Between measurements, a pause was made for the
substrate-layer system to return to theinitial state. The
time of action of the beam on the substrate was a few
seconds, while the relaxation time of the system was
several minutes. The latter was determined from the
effect of the pause between measurements on the exper-
imental results. In experiments, deliberately longer
pauses (4-5 min) were made.

After switching on the inducing beam, the pattern of
the test beam did not change for a certain timeinterval.

f

$ecceccccsccccccene, o :

0 0.2 0.4 0.6

0.8 1.0 1.2

Fig. 2. Evolution of the TC response. Inducing (1 left) and test (2 right) beams: (a) response; (b) beginning of deformation, t = 1g;

(c) focusing of test beam; (d) beginning of refocusing; (€) spike.
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EFFECT OF DELAY OF THE THERMOCAPILLARY RESPONSE

This pause will bereferred to asthe TC delay time 1,4 of
the response, while the beam reflected from the plane
surface of the liquid (inducing or test beam) and
appearing on the screen will be termed just as the
response (Fig. 2a). On the other hand, it is convenient
to apply the term the TC response to the beam reflected
from the liquid surface that has aready been deformed
by TC convection (Figs. 2b—-2€). The beginning of
deformation was registered from the deviation of the
free surface from the plane surface observed from the
emergence of alight spot at the center of the test beam
(Fig. 2b); the spot diameter becomes minimal at the
instant of focusing (Fig. 2c). Further, as the deforma-
tion depth increases, the diameters of both inducing and
test beams become larger (Fig. 2d), culminating in a
refocusing spike (Fig. 2e); this is reflected in a sharp
increase in the TC response followed by its decrease.
The reason for the spike is the accumulation of thermal
energy in the liquid layer prior to convection (we omit
here the corresponding analysis).

Among the liquids investigated here, only butanol
and benzyl acohol exhibit the predicted quadratic
dependence (1) of T40n thelayer thickness (Fig. 3). For
amore viscous ethylene glycol with alarger thickness,
the value of 14 is larger than expected, while for low-
viscosity octaneit is smaller.

Experimental data suggest that the 14(h) dependence
isquadratic in the viscosity range 3-6 mPasfor alayer
thickness of h < 1.8 mm.

Since the surface itself serves as a detector of ther-
mal perturbation reaching the free surface, a higher
shear stress (i.e., ahigher temperature gradient (2) and,
hence, alonger heating time) is required for producing
a detectable deformation for higher values of viscosity.
Thisassumption is confirmed by the arrangement of the
T4(h) curves for liquids with different viscosities
(Fig. 3).

The departure from the quadratic dependence for
octane can be explained by at least three reasons. First,
owing to the high mobility of octane, the TC spread of
the layer can beinitiated by absorption of thermal radi-
ation from the substrate being heated in the layer. This
effect must be enhanced with increasing thickness of
thelayer and, apparently, isthe reason for the departure
of experimental points for butanol and benzyl acohol
layers of large thickness. Second, a buoyancy force
whoseroleis enhanced with increasing thickness of the
layer cannot be ruled out. This hypothesisis confirmed
by the order of the Rayleigh numbers for the corre-
sponding curves in Fig. 3 (R, < Ra, < Ra; < Ray).
Finally, beginning from the instant of heating of thelig-
uid, its expansion takes place and a hump is formed,
which spreads out under the action of the Laplace pres-
sure. This process is sustained during propagation of
the thermal front. The centrifugal flow initiated by the
Laplace pressure at the surface of the layer might
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Fig. 3. Dependence of the delay time of the TC response on
the squared thickness of the layer. Solid curves describe the
dependence 1y = h?/4nk: ethylene glycol (1), benzyl alcohol
(2), butanol-1 (3), and n-octane (4). The values of n are
giveninthetable.

enhance its sensitivity to centrifugal TC flow. This pro-
cess is characterized by the volume expansion coeffi-
cient 3. Strange as it may seem, the order of arrange-
ment of the curves aso corresponds to the latter
assumption (i.e., B; < B, < B3 < B,). To determine the
contribution from each of the mechanismslisted above,
more detailed studies are required.

Thiswork was supported by the Russian Foundation
for Basic Research, project no. 04-01-00493.
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Abstract—The specific features of hydrogen adsorption (and adsorption of other gases) at supercritical tem-
peratures (specifically, the absence of capillary condensation and polymol ecular adsorption and the appearance
of amaximum in the adsorption isotherm in the pressure range 1-10 M Pa) are discussed. Hydrogen adsorption
decreases by an order of magnitude as the temperature increases from the critical temperature to the room value.
The experimental adsorption isotherms in the supercritical range found in the literature are used to deduce a
criterion of limiting hydrogen adsorption at various temperatures. Carbon adsorbents of different types (indi-
vidual single-wall nanotubes, bundles of such nanotubes, multiwall nanotubes, and carbon fibers) are consid-
ered. A model of single graphite plane showsthat the limiting hydrogen adsorptionis5wt % at 77 K and 1 wt %
at 293 K. These values can only be approached by adsorption in amaterial made of individual single-wall nan-
otubes. Methods to increase the adsorption are proposed. © 2005 Pleiades Publishing, Inc.

Hydrogen adsorption in various materials is one of
the methods for hydrogen storage and can be used to
design hydrogen storage systems for transport power
installations[1]. With the advent of new carbon materi-
als (fullerenes, nanotubes, and nanofibers), the annual
number of experimental and theoretical works dealing
with hydrogen adsorption has increased sharply [2-5].
However, the results and conclusions of these works are
often conflicting. The purpose of thiswork is to obtain
asimple and reliable criterion for determination of the
limiting adsorbability of various carbon materials. We
obtain this criterion using experimental adsorption iso-
thermsfor hydrogen and other gasesin the supercritical
region.

From the economic and technological standpoints,
hydrogen storage using physical adsorption is profit-
able only at temperatures T > 77 K, which is signifi-
cantly higher than the critical hydrogen temperature
T4(Hy,) = 33 K; the reduced temperature is T* =
T/T.(H,) > 2.3. When temperature increases above T,
adsorption isotherms of different gases lose a polymo-
lecular adsorption branch and acquire a maximum in
the range 1-10 MPa [6-10]. As the temperature T
increases further, the isotherms lower monotonically
toward the pressure axis and the maximum shifts
toward high pressures [6-10]. It is natural that, at such
temperatures, there is no capillary hydrogen condensa-
tion in mesopores.

The volumetric filling of micropores at T* < 1 is
caused by a significant increase in the interaction
potential between molecules and the walls of narrow
pores. In slotlike pores, such an increase is detectable
up to d/o = 1.5-2, and that in cylindrical pores, up to

d/o = 3 (where d is the micropore size acrossand o is
the van der Waals molecular size) [11, 12]. In wider
micropores (supermicropores) with d/o = 5-6, volu-
metric filling is explained by the cooperative effect
[12-14], namely, by intensification of molecular clus-
tering in the space of a supermicropore after the first
monolayer has been adsorbed. At T* > 1, or themore so
at T* > 2.3, clustering is almost absent, and, hence, vol-
umetric filling of microporesis also absent; as the pres-
sure increases, only the first monolayer is gradually
filled. Asfor the limiting adsorption capacity, the volu-
metric filling of narrow micropores, where the interac-
tion potential is enhanced, is virtually identical to sur-
face adsorption.

For monolayer filling, specific adsorption a,,, mol/g,
is connected with the adsorbent specific area A by the
relation [12, 15, 16]

A = a,Nw,,. 1)

Here, N is the Avogadro number and w,, is the area per
adsorbate molecule in the monolayer. It was noted in
[15, 17] that the molecular density in real liquids and
monolayers is significantly lower than that in the case
of close packing. This means that the fraction of mole-
cule-free surface in amonolayer €5is much higher than
the value (g, = 0.093) characteristic of the case of
spherical molecules closely packed on a surface. For a
number of gases (Ar, Kr, Xe, CO,, CsHgs, CeHya,
CH40OH, CCl,, H,0), theauthors of [17] found that e5 =
1 - S/o/w,, Where Sy is the projection area of mole-
cules of acertain adsorbate (S, is calculated using the
van der Waals radius of the corresponding molecule).

1063-7842/05/5009-1246$26.00 © 2005 Pleiades Publishing, Inc.
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For these gases, eswasfound to range from 0.32t0 0.38
with an average value of 0.35. Note that all measure-
ments for these gases were performed at temperatures
closeto T=77K, i.e., well below their critical temper-
atures T,

In [6, 8, 9], the adsorption isotherms of various
gases, including hydrogen, in carbon materialsand syn-
thetic zeolite were measured in the supercritical tem-
perature range. For these materials, the specific surface
area A was known. Using these isotherms and Eq. (1),
we calculated w,(T*) at their maxima and determined
the values of S;g/w(T*) (Fig. 1). The particle projec-
tion areas S,4, were calculated using the van der Waals
atomic radii recommended in [18-20]: 0.202, 0.188,
0.154, 0.171, 0.150, and 0.116 nm for Kr, Ar, Ne, C, N,
and H, respectively. The Sy, areas were found to be
0.128, 0.139, 0.111, 0.104, 0.074, and 0.059 nm? for
Kr, CH,4, Ar, N,, Ne, and H,, respectively. Notethat, in
our estimations based on the results of [8], we took into
account that those authors used powdered active
AKh-21 carbon with A = 2800 m?/g and a density p =
0.3 g/lcm? [21]. Using points for hydrogen, we plotted
the f(T*) curve, which decreases monotonically with
increasing T* (see figure). Points for other gases (Ne,
Ar, Kr, H,, CH,) deviate only weakly from this curve.
We also estimated S,4,/w,, using the results of [22] for
hydrogen adsorption on a number of carbon materials
and zeoliteat 77 K and ahydrogen pressure of 0.1 M Pa.
The specific surface areas S;er for the materials under
study were in the range 431-2029 m?/g. To obtain a,y,
we use extrapolation at maxima in the isotherms: the
experimental values of a,, were increased by 30%
according to theisotherms of [8]. The values of S,4,/w,
for al materials were found to fall in the range 0.24—
0.47. By making allowance for the extrapol ation rough-
ness, we may concludethat these values agree well with
the value (0.35) calculated from the complete isotherm
of [8].

The function f(T*) = S 3/w(T*) alows us to esti-
mate the limiting capacity of various adsorbents using
Eq. (2). For hydrogen, S, = 0.059 nm?; therefore, a,,, =
5.67 x 1072 f(T*)Alg(H,)/g], A[10° m?/g]. For carbon
adsorbents based on acertain combination of fragments
of the graphite plane (more specificaly, the graphite
network), the maximum specific surface area A, can
be estimated from the consideration of the ideal case of
hydrogen adsorption on both sides of the graphite
plane. In this case, A, = 2630 m?/g; therefore, at T =
77 K (f(T*) = 0.35), the maximum adsorption is
aa(77) =0.052 g/g, or 5wt %. At T=293 K (f(T*) =
0.072), it is a,,(293) = 0.0107 g/g, or 1.06 wt %. The
limiting volume hydrogen content is 50 and 10 g/l,
respectively.

If the van der Waals sizes of the hydrogen molecule
(0.31 x 0.232 nm) and the carbon atom (0.34 nm) are
taken into account, theinteraction potential increasesin
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Experimental curves plotted using experimental values of
Svav/@r taken from (1) [8], (2) [9], and (3) [6].

carbon nanotubes having a diameter less than 1.1 nm.
For tubes with a larger diameter, the increase in the
potential is insignificant, and the character of adsorp-
tion in these tubes at supercritical temperaturesisvirtu-
ally identical to adsorption on the graphite plane. The
same is true of most single-wall carbon nanotubes
(SWNTs) synthesized with an electric arc or a laser
beam, since their diametersliein therange 1.0-1.5 nm
[23-25].

For single SWNTS, the total specific surface (both
inner and outer surface) isidentical to that of the graph-
ite plane [26]. Therefore, the estimates of a,,, Mmade
above hold true for single SWNTSs. In single SWNTS,
the volume hydrogen content is lower than that for
adsorption on the graphite plane, and it depends on the
density of packing such tubesin a sample and the ratio
of the average tube diameter in the sampleto the hydro-
gen molecular diameter. However, cables of severa
tens of nanotubes stuck together form during synthesis
and can hardly be separated. The total specific surface
area of the cables of SWNTsiswell below A, (by a
factor of up to two) [26]; correspondingly, the limiting
value of a,, for them islower in proportion.

The distance between neighboring coaxial tubesin
amultiwall nanotube is specified by the van der Waals
interaction of carbon atoms in them: it is 0.34 nm,
which is close to the graphite interplanar spacing
(0.335 nm). Naturally, hydrogen molecul es cannot pen-
etrate into the space between the coaxial tubes (just as
in the space between planes in graphite) as a result of
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weak adsorption attraction. Otherwise, they should be
located at such short distances from carbon networks
that correspond to the range of very strong repulsion.
Therefore, adsorption in multiwall carbon nanotubes
can occur only on the surface of the inner channel and
on the outer surface of a nanotube. This behavior
should result in a sharp decrease in the maximum
hydrogen adsorption in multiwall tubes (thisdecreaseis
inversely proportional to the number of layersinamul-
tiwall carbon nanotube). These considerations can be
applied for different-type carbon fibers (tubular, plate-
let, and herringbone graphite nanofibers) that are made
of graphite-plane fragments placed at various angles to
the fiber axis. The authors of [27] reported on “fantas-
tic’ hydrogen adsorption in such fibers even at room
temperature (up to 67 wt %). To explain their results,
those authors proposed also “fantastic” hypotheses
that, during hydrogen adsorption, graphite-plane frag-
ments move apart and hydrogen is accumulated
between these planesin the form of amultilayer config-
uration and that this process is accompanied by a phase
transition and capillary condensation at anomalously
high temperatures. The value reported (a,, = 67 wt %)
istwo to three orders of magnitude higher than our esti-
mates given above for single- and multiwall nanotubes.
Itisnot surprising that this result has not been repeated
in other laboratories.

The estimates given above show that all modern car-
bon adsorbents do not satisfy the generally accepted
criteria of practical applicability: the hydrogen weight
content must be no lessthan 6.5 wt %, and the hydrogen
volume content must be no less than 62 g/l [28]. Even
for the ideal case of the maximum specific surface of
2630 m?/g, adsorption is estimated to be 0.052 g/g at
77 K, and the hydrogen volume content is 50 g/l. For
real adsorbents, including nanotubes and nanofibers,
the adsorption characteristics at room temperature are
much lower. Moreover, the cost of single-wall carbon
nanotubes purified to 60-80% is now 250 $/g (e.g., see
[29]). This circumstance makes the application of
SWNTSs for hydrogen storage problematic in the near
future.

We can propose the following methods for increas-
ing the adsorption of carbon adsorbents. The packing
density of adsorbed molecules of different gasesin a
monolayer is known to vary significantly with the
nature of an adsorbent surface. This fact has been dis-
cussed and experimentally grounded, in particular, in
[16], using argon, nitrogen, and krypton as examples at
T* < 1. Aswas shownin [16], the determining factor in
this variation is the adsorption energy, which can
change due to both qualitative changes in the adsor-
bate—adsorbent interaction and quantitative adsorbent
characteristics (changes in the surface concentration of
force centers). Therefore, we can assume that using
adsorbents with an optimum micropore cross-sectional
dimension, where adsorption potential becomes sub-
stantialy stronger, can lead to denser hydrogen packing

BOGDANOV

(0., becomes lower) even a T* > 1. It is obvious that,
in slotlike micropores, this phenomenon is much more
pronounced, since the potential in nanotubes can be
increased only inside them. It is clear that, to check the
possibility of an increase in the adsorption, one has to
synthesize adsorbents having the given average cross-
sectional dimension of dlotlike micropores (0.8—
1.5nm) and a very narrow size distribution of these
micropores.

Another method is related to the synthesis of adsor-
bents (which need not be made of carbon) in which the
number of adsorbent atoms per unit pore surfaceislow
as compared to graphite; as a result, their specific sur-
face increases. An example of synthesis of such adsor-
bents (metal-organic frameworks) is given in [30],
where an MOF-177 adsorbent having a specific surface
of 4500 m?/g and a pore diameter of 1.18 and 1.08 nm
is described. It should be noted that this method of
increasing A leads to a decrease in the adsorption heat,
since each adsorbate molecule interacts with a smaller
number of adsorbent atoms (the adsorbent atomic den-
sity in the pore walls decreases). Because of the
absence of a complete set of data, we cannot now
exactly calculate the joint effect of the factors given
above; therefore, we need experiments to check the
hydrogen adsorbability of the new class of adsorbents
at supercritical temperatures.
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