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Abstract—A discrete model of adsorption with allowance for recharge of the state and lateral interaction
between moleculesis constructed in the framework of the theory of probabilistic cellular automata. It isfound
that this model admits of the regular (ordered) behavior of the system accompanied by the global synchroniza-
tion of the system’s parameters. The turbulent (chaotic)—ordered transition takes place through the occurrence
of local ordered areas due to the appearance of local leading centers (pacemakers) and helical waves. The
ordered behavior originates from intrinsic instability in the system. The ordering is related to the collective
behavior of the subsystems constituting the entire system. The model can be extended to the case of chemical
reactions between an adsorbate and the surface. © 2005 Pleiades Publishing, Inc.

INTRODUCTION

Material adsorption on the solid surface has long
been a subject of much interest, because the surface is
the only channel for penetration of impurities into the
crystal [1]. In addition, surface processes specify the
states of more complex systems consisting of bordering
media, e.g., liquid-solid or gas-solid systems. More-
over, surface modification considerably affects the bulk
properties of solids, especialy, of fine-grain polycrys-
tals, where the volume and surface area of features are
commensurable. Material modification is aso inti-
mately related to surface processes, which control both
the dynamic and physical properties of resulting struc-
tures.

During anodizing of silicon crystals in hydrofluoric
acid, the dynamic characteristics of the process were
found to periodically vary with time under certain con-
ditions [2-9]. Oscillatory effects were also revealed at
finish etching of porous silicon in water [10]. Similar
phenomenawere found in experiments with porous-sil-
icon-based electroluminescent devices placed into a
surface-active medium [11], which generally contains
polar molecules[12, 13]. Finally, the periodic variation
of dynamic variableswas observed in recording the |-V
characteristics of porous-silicon-based structures
placed in a polar-molecule-containing medium [14].

Adsorption and/or desorption of atoms capable of
changing their charge state are time-periodic. Self-
oscillations were observed at the field desorption of
potassium from the tungsten surface covered by gold
and potassium adsorbates [15, 16]. Namely, the ionic
current and desorption images periodically varied
under invariable experimental conditions.

The observations listed above indicate the need for
a theory that could explain the body of data gained in
different fields of physics.

STATEMENT OF THE PROBLEM

The problem of adsorption with a change in the
charge state, as applied to etching of silicon by atomic
fluorine, was considered by Babanov et al. [17], who
presented the energy diagrams of adsorbed fluorine
atoms (ions), a system of kinetic equations, and their
solutions. A continuous model that accounts for oscil-
lations in the adsorption of surfactant molecules in
terms of the averaged molecular surface density was
developed in [13]. That model is in many ways based
on the concepts put forward in [17].

Analysis of the problem stated is convenient to
begin with writing the kinetic equations for molecules
adsorbed on the surfacein the sameformasin[13],i.e,
in the form suitable for describing the variation of sur-
face concentration P of neutral and charged molecules
(atoms). This system of equations sheds light on the
physics of the phenomena accompanying molecular
adsorption on the solid surface and clarifies the way of
extending thismodel for the two-dimensional case with
the method of probahilistic cellular automata [18],
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Here, P is the surface density of charged molecules
(atoms), T is the total surface density of neutral and
charged molecules, I, is the surface density of active

adsorption centers (traps), T, (T;) is the time of direct
(backward) tunneling of charge carriers for molecules
or atoms, 1, (1) isthe adsorption (desorption) time for
a molecule or atom, and T is the time taken for a
charged molecule to overcome an activation barrier on
the surface. The system of Egs. (1) and (2) was solved
in detail for different cases elsewhere [13, 17, 19].
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Solutions to a similar system of kinetic equations for
stationary etching (the rate of silicon etching by atomic
fluorine is time-independent) are presented in [17].

Equations similar to (1) and (2) can be used for
description of silicon anodizing in a hydrofluoric acid
solution [19]. In this case, a stationary solution to the
system, a relation between the band bending and
applied voltage, and the activation type of the time con-
stants preceding the reaction are used. The reaction
should proceed at selected sites where the probability
of interaction is maximal. Such conditions may be
identified with the conditions for pore formation [19].
In this case, the dependence of the current density on
the applied voltage obeys the Tafel law

j = ek exp%\%%
|:|1

where the rate constant of the chemical reaction is
expressed as

E-vdO -~ v
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barrier E of the reaction being decreased by V = eU,
where U isthe applied potential.

To study a nonstationary (time-dependent) solution
to the system stated by (1) and (2), we express ™ from
(1) and substituteit into (2). It should also be taken into
account that, because of the lateral interaction, the I-V
characteristics have a portion with a negative differen-
tial conductivity [13]. It was shown [13] that, with
regard to the nonlinearity of the lateral interaction, the
system of Egs. (1) and (2) can be reduced to a one-
dimensional van der Pol equation in some averaged
value of the charged molecule surface density. The
phase portraits of the dynamic variables that are solu-
tions to the one-dimensional van der Pol equation indi-
cate the presence of alimiting cycle (oscillations of the
variables) in the dynamic system under consideration.

Thus, as was demonstrated in [13, 17, 19], system
(1)—2) can be applied to awide class of problems deal-
ing with molecules (atoms) that can be in one of two,
neutral or charged, states. However, the dynamics of
some of the processes turns out to be more complicated
than that predicted by system (1)—(2) [6—10]. Specifi-
cally, there is good reason to think that laterally propa-
gating phase waves of different configurations may
arisein such systems[15, 16, 20]. All these facts neces-
sitate further generalization of the given theoretica
approach [18].

The aim of this study is to reproduce the dynamics
and characteristic properties of as many processes
observed in [2-10, 12-16] as possible based on the the-
oretical principles described by Egs. (1) and (2). The
next objective is to extend the developed approach as
much as basic pure mathematical principlesallow, i.e.,
to go beyond the scope of the mathematical formalism

k. = kexp E—
O
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that suffices only to generalize Egs. (1) and (2) for the
two-dimensiona case with allowance for lateral inter-
action. Thus, the approach presented below is rather
general and covers alarge number of particular cases.

THREE-STATE TWO-DIMENSIONAL DISCRETE
MODEL

The problem of reproducing the complex behavior
of dynamic systems was solved by the method of cellu-
lar automata with allowance for molecule (atom)—solid
electron exchange by tunneling. The surface of the
solid was divided into square unit cells, which could be
in one of three states: a white state (—1) without an
adsorbed molecule or atom, a gray state (0) with an
adsorbed neutral molecule or atom, and a black state
(+1) with an adsorbed charged molecule or atom. An
important point hereisthat characteristictimest,, Ty, T,
T;, and 1, of physica processes are finite. This is
because all physical processes proceed not instantly but
take some characteristic time for which a certain state
of the system setsin. Each process features a character-
istic time of its own. For instance, for free chargeredis-
tribution, this time is on the order of the Maxwellian
time (ty ~ 10?2 sfor Ge), etc. It is assumed that these
times may be different for white (-1), gray (0), and
black (+1) states of aunit cell.

Central to determining the system dynamics by
means of the cellular automaton method is setting local
rules for step transition of unit cells from one state to
another. Thismeans setting corresponding rulesfor dis-
crete mapping. The lateral interaction is introduced by
taking into account the states of the nearest neighbors.
A simple mapping can be conventionally represented as
consisting of two steps, each involving an initial (inter-
mediate) mapping of a set into another, wider set and a
final mapping of this wider set into an initial (but not
identical!) one. It should be emphasized that such a
mapping as a whole is not an identity mapping. This
simplest (“basic”) variant of mapping can be schemati-
cally represented as follows:

(i) X(i, i, t+1) = [8(Tn ¢,y — X, js 1)
+0(t =Ty (1)) 9(N(1), N3(t))] ©)
X [l_ému(t),m,lj(t+l)e(t _(Tmlyj(t +1))],

with X (i, j, t+ 1) = X(,, j ) if t < 1y - Next,if t 2
Tm, (1, » MaPPIng follows: if Al < X (i, j, t + 1) <A

Un)

(wherel =1, ---, Inax), then
0_4,0
. 00
X(i, j,t+1) = F(X) =0 0 O 4)
O .0
o+lpg
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(i) X(i, j,t+1) = [X(, j, t) + g(ny(t), n5(t))]
* O 0, m, 0+ Ot =T (1041))-

Next, mapping follows: if Aj < X(i,j,t+1) <A (where
I =i max), then

0_40

. [l 1l

X@i,j,t+1) = F(x) =0 0 0 (6)

0o .0

o+lo

(i) thefirst step follows again and so on.
Here,

(D, t<O
0(t) = O
L, t=0

is the theta (switching) function or the Heaviside func-
tion; g(ny(t), ns(t)) is the weighting factor taking into
account the state of the neighborhood of the starting
cell; éi,j is the Kronecker delta; m,j(t) =1, 2, 3isthe
state of cell (i, j) at timeinstant t, where 1, 2, and 3 are
assigned to white (-1), gray (0), and black (+1) states,
respectively; n,(t), ny(t), and ny(t) are the numbers of
white, gray, and black cells, respectively, constituting
the neighborhood of a given cell (i, j) at time instant t,
with ny(t) + ny(t) + ng(t) = N (in our case, N = 8; the
Moor domain); t,, is the time the second term in for-
mula (3) is “switched on,”

-1
0
+1

X(i, ), 1) =

OOoOodd
o

and g(n,(t), ns(t)) is the weighting factor taking into
account the effect of differently colored nearest neigh-
bors. Since n;(t) + ny(t) + ng(t) = N, this relationship
givesthe number of white cells; therefore, g(ny(t), ns(t))
depends on only ny(t) and ny(t), while the number of
white neighbors, ny(t), plays a“passive” role.

The idea of the “basic” mapping can be clarified in
simple terms as follows. Let us label, in one way or
another, all possible combinations of color states by the
numbers of nearest neighbors in a particular state. For
example, if the neighborhood of acell consists of white
neighbors only, this situation is assigned number 1
(which is also the “weight” of this state). If one cell in
the neighborhood is gray and others white, this situa-
tion is assigned number (weight) 4. It should be noted
that here we have degeneracy in gray cell permutations,
since there are eight equivalent states with equal
“weights.” Moreover, numbers (“weights’) 1, 4, 8, 12,
... are chosen so that the mapping isunique; i.e., astate
is mapped into a certain number that takes the value of
-1, 0, or +1 after thefirst termin (3) is added (degener-
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acy is only in permutations). Then, the intermediate
mapping will beinto numbers0, 1, 2, 3, 4, ...; i.e, the
state of starting cell (i, j) (which equals—1, 0, or +1) and
the weight of the neighborhood (equal to 1, 4, 8, ...)
will be mapped into 0, 1, 2, 3, 4, ..., according to (3).
By numbering specific color combinationsin the neigh-
borhood (with permutation degeneracy aone), we will
know into which number a specific cell (i, j) is mapped
depending on the state of nearest cells. It should be
emphasized once again that degeneracy remainsonly in
permutations.

The first stage of the mapping, i.e., the application
of formulas (3) and (4), isswitched on according to cer-
tain rules. Thefirst termin (3) works up to time instant
Tt » with instant T, (to) depending on the state of

acell (i, ]) at timet,, of itsappearancein anew state, so
that (3) specifies the intermediate mapping. If after the
second phase of the first stage of mapping (formula
(4)), theinitial state of the starting cell changes, the pro-
cessstartsfrom the beginning, i.e., from formula(3) but
already at the next stage.

If, however, the initial state of the origina cell per-
sists after the second phase of thefirst stage, we passto
the second stage (formula (5)). The bracketed deltain
(3) is switched on at time instant (T, (o t 1), and, if

the state of the cell isretained, formula (3) goesto zero
and we proceed using formula (5).

Formula(5) isvalid aslong astheinitia state of the
cel (i, j) isretained. However, at the second stage, the
transition to another state may happen at any subse-
quent timeinstant, unlike at thefirst stage, when theini-
tial state of the cell persisted al the time from its emer-

genceto ingtant T, (t) Figuratively, the situation can

be expressed as follows. To pass into another state, the
cell must first “mature” for time 1, (t) and only then

change (or retain) its state at any time. The theta func-
tionin (5) isswitched on at thetimeinstant after t,,, i.e.,
when asubsequent cycle begins (timet,, + 1). Thedelta
in (5) leaves only transitions with invariable states.

Consider now the second parts of the mappings
given by (3) and (5), i.e., of formulas (4) and (6). These
mappings establish relationships between the interme-
diate map and the map of thisintermediate set into three
main states of the cell. A numerical range (A, A) is
specified such that acell in the final state, when falling
into it, is declared to be in a certain final color state.
Physically, this is substantiated as follows. (Note that,
in setting mapping rules, one may be guided by purely
mathematical principles rather than physical consider-
ations. However, here we are using mostly physicaly
meaningful arguments.). If there is good reason to
believe that agray cell surrounded by three (and more)

black cellswill turninto the black state, arange (A, A)
is taken such that these combinations with ny = 3 fall
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into this range and all these combinations are then
mapped into the (+1) (black) state and so on.

Now we pass to the most general statement of map-
ping. It is specified by the following rules.

(i) X@,j,t+1) = [e(rmi,j(tm)—t)x(i, 1 )9m

N N-—ng
ng(t) n,(t)
O(t-Tn 00) > > Cn Crnongy

ng(t) = ngny(t) = ny

Na(t) 2ng Nny(t) 2N, (7)

x g(ny(t), n3(t))} D[1- 6m”(t), m,(t+1)

on)

X e(t_(-[mm(t + 1))] Pmivj(t),mivj(“l)f

where

N-n

N 3 -1
n3(t) ~Na(t)
D = [3 z z Cn CN_nzm}
ng(t) =1ny(t)=1
is the normalization factor taking into account al pos-
siblestates of acdll (i, j) and of its neighborhood. Here,
X(@,j,t+1)=X(3,jt)ift< T (to) ns(t) = ng in the
summation sign means that summation isover ny(t) that

aregreater than, or equa to, ng; and Cn,j(t) isthe number

of combinations of N things n,(t) at atime. Next isthe
mapping: if Al < X(i,], t+1) <A (wherel =1 ma),
then

O_,0
o O —0d
X(,j,t+1) = F(x) =0 0 O, (8)
o, 0
O+10
with probability P, (), m

L jt+1) "

(i) X(i,j, t+1) = | X(i, j,t+1)gn

N N-ng
Ng(t) ~Na(t)

- Z Z Cn Crznyng(na(t), ng(t)) 9

Ng(t) = ngny(t) = n,
Ng(t) 2Nz ny(t) 2n,

XD t).m @+ 10t =Tm (1,)) P 0. m G+ 1)
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where
EWM Wi, Wi E
Pmi,,-(t), My EW21 Wo, Wzsg

U Wa; Wz Was []

(10)

is the probability matrix of transitions from a state
m,j(t) to a state m’j(t + 1); m’j(t) =1, 2, 3; and Om, (1)
and g(ny(t), ns(t)) are, respectively, the weighting factor
of the corresponding initial state and the factor taking

into account the state of the neighborhood of the initial
cell.

The writing ny(t) = ng in the summation sign means
that all states with the number of black neighbors ny(t)
that is larger than, or equal to, n; fall into one general
set that is then mapped into one specific color state
m ;(t) (the same refers to the writing ny(t) = n,, where
N, is the number of gray neighbors). Such summation
can aso be applied to other relationships between n,(t)
and n;, as well as between n,(t) and n,, depending on
conditions imposed on the transitions. For instance, if
thetransitionsto other statesare allowed (or “blocked”)
a ny(t) < ng and ny(t) < n,, summation will be as fol-
lows:

N3 N,
ng(t) ~ny(t)

Cy CN—n3(t)g(n2(t)1n3(t))l
ng(t) = Ony(t) = 0
ns(t) <ngny(t)<n,

where the condition n; + n, + ng = N must be met at any
time.

Weighting factor O, (1) multiplying the first termin
(7) and (9) determinesthe “addition” of theinitial state
to the intermediate state. This can be understood from
the following considerations. If the second term stands
for mapping into the numbers 0, 1, 2, 3, or 4 according
to the state of the neighborhood (aswas explainedinthe
statement of the basic mapping given by formulas (3)
and (4)), the resulting series of maps (numbers) will be
different with regard to the weighting factor multiply-
ing the first term. If we leave the final rules specifying

the second phase of mapping, A} <x<A (see, e.g., for-
mula (6)) the same, i.e., those without the weighting
factors (that is, the ranges of mapping are not rede-
fined), weight factor Om 0 adds somewhat different

combinations of states into these ranges: cell (i, j) + its
neighborhood.

In our opinion, the mapping given by (7)—(10) isthe
most general mapping that can represent the class of
problems under study. By switching different compo-
nents on or off in this genera mapping, one can obtain
particular cases, such as basic mapping (3)—6).
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Fig. 1. (a) Helical waves (gray cells on the white back-
ground) and (b) the dependences of the number of black (B),
gray (G), and white (W) cells on time (on the number of
cycles).

RESULTS AND DISCUSSION

Note that general mapping (7)—(10) yields such a
vast diversity of dynamic (from strictly periodic to cha-
otic) structures of different configurations, color com-
binations, leading centers, and helical waves that today
it seems infeasible to cover all possible results of map-
ping (7)—(10). We will concentrate on a number of reg-
ularities that have been found to date. Some features of
our model were considered in [18]. In that work, we
presented the characteristic structures arising under the
conditions of leading center formation and the variation
of the number of black cellswith time (with the number
of cycles). These structures reflect the strictly periodic
and chaotic dynamics of the system and also its dynam-
ics under the conditions of leading center formation at
certain values of the system parameters.

Below, we show several patterns representing the
dynamic structures resulting from mapping (7)—10), as
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Fig. 2. (a) Helical waves, including those interacting with
each other (gray and black cells on the white background),
and (b) the dependences of the number of black (B), gray
(G), and white (W) cells on time (on the number of cycles).

well asthe dependence of the number of black (B), gray
(G), and white (W) cells on time (on the number of
cycles). Figures 1 and 2 demonstrate the “ snapshots’ of
helical waves consisting of gray cells (on the back-
ground of white célls, Fig. 1) and black-and-gray-and-
white cells (on the background of white cells, Fig. 2),
along with the corresponding time (cycle) dependences
of the number of cells in specific states. The helica
waves consist of two portions with different chirality,
and their composition may vary, asindicated by Figs. 1
and 2. It should be noted that spiral wavesrepresent ele-
mentary self-sustaining structures in excitable media.
The structure of spiral waves depends on the excitabil-
ity of an active medium. The formation of leading cen-
ters is mainly related to external factors (to the initial
number of active unit cellsin our case).

Figure 3 presents the snapshots of octagonal leading
centers and associated dynamic dependences. The
structures with well-defined angles nucleate when
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Fig. 3. () Octagonal leading centers (gray cells on the
white background) and (b) the dependences of the number
of black (B), gray (G), and white (W) cells on time (on the
number of cycles).

probability factor P, (M, e is blocked (switched

off). When it is SNI'[Ched on, rounded structures may
well form. That is, the stochastic factor may impart
rounded shapes, along with others, to the forming struc-
tures.

Figures 4 and 5 demonstrate the snapshots of the
systems under different chaotic conditions and the
dynamic dependences of the number of different points
on time (on the number of cycles). In this case, the
dynamic behavior takes a variety of forms.

The behavior of a three-state adsorption system,
which is described by local rules (7)—<10), is much
richer than that of averaged macroscopic characteristics
described by the van der Pol equation [13]. Thisfact is
largely explained by the effective dimensionality of the
system. It is known that the generalization of the one-
dimensional van der Pol eguation to the three-dimen-
sional space [21] involves a stochastic (strange) attrac-
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Fig. 4. (a) Chaotic dynamics (gray and black cells on the
white background) and (b) the dependences of the number
of black (B), gray (G), and white (W) cells on time (on the
number of cycles).

tor as a solution. These generalized equations describe
a generator with inertial nonlinearity (Anishchenko—
Astakhov generator) [21].

Significantly, the one-dimensional two-state adsorp-
tion problem for probabilistic cellular automata does
not offer such a variety of solutions [22]. Moreover,
oscillating solutions and sol utions with pacemakers are
totally absent. The one-dimensional three-state prob-
lemfor classical cellular automataresultsin threetypes
of solution: turbulent solutions, periodic solutions, and
solutions of propagating soliton type[23]. Aswas noted
in [24], nobody may today answer the question of how
to find local rules following which a set of individual
elements will reproduce a desired dynamics.

Under oscillatory conditions of pore formation,
Buchin and Prokaznikov [20] observed different local-
ized porous structures, which can be viewed as being
related to the effect of pacemakers of spherical or right-
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Fig. 5. (8) Chaotic dynamics (gray and black cells on the
white background) and (b) the dependences of the number
of black (B), gray (G), and white (W) cells on time (on the
number of cycles).

angle configuration. The phase wave frontsin these two
types of leading center run away both concentrically
and at right angles. As was shown in [18], our model
describes leading centers similar to those observed
in[20].

A most interesting inference that can be drawn from
this study is that, when passing from chaos to global
synchronization, the system synchronizes first in the
presence of leading centers. This means that locally
oscillating centers with certain oscillation frequencies
arise. The most convenient parameter characterizing
different dynamic regimesin the system under study is
the dynamic (Kolmogorov—Sinay) entropy, which is
related to Lyapunov exponents [25]. Its value is maxi-
mal for chaotic oscillations and equal to that for regular
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oscillations. In the presence of leading centers, this
entropy takes an intermediate value.

Thus, we developed a two-dimensional model of a
non-Hamiltonian system exhibiting all properties char-
acteristic of active media with self-organization. The
results of this study can be used for predicting and
interpreting the operation of various sensors (seeg, e.g.,
[12, 13]).

It should be emphasized that the subject of this
investigation is the dynamic properties of adsorption
systems with variable states of its basic building blocks
(atoms or molecules), whereas the traditional approach
handles mainly averaged macroscopic characteristics
of the system (see, e.g., [1, 26, 27]).

The model can be extended to cells with a number
of states of more than three. Such an extension may
takeinto account the participation of molecules (atoms)
in various chemical reactions on the solid surface. Sim-
ilarly, agreater number of factors attendant to processes
on the solid surface may be alowed for. Findly, the
model might be helpful in sociological studies (see,
e.0., [28] and Refs. therein).
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APPENDIX

An agorithm based on mapping (7)—(10) was
implemented in the MatL ab software environment [29],
which isthe most suitablefor vector and matrix compu-
tations.

The algorithm relies on an adsorption system model
according to which atoms adsorbed on the solid surface
may bein two, neutral and charged, states. The latter is
due to tunnel exchange of electrons between an atom
and the solid. The algorithm considers unit cells on the
surface that may (i) be free of an adsorbed atom (mole-
cule), (ii) contain an adsorbed neutral atom, and
(iii) contain a charged adsorbed atom. The charge state
of the unit cell may vary depending on the state of the
nearest neighbors. In this way, the lateral interaction
between adsorbed atoms is taken into account. This
model, being two-dimensional, is related to the solid
surface, which is considered ideal: surface defects and
surface inhomogeneities are ignored. The boundary of
the working area is assumed to be cyclically closed in
both dimensions.

The computer model considered in this work is
based on the theory of probabilistic cellular automata.
Thewholefield of events on the solid surfaceis divided
into square unit cells, which may be empty (white),
occupied by a neutral molecule (gray), or occupied by
a charged molecule (black). Two 100 x 100 sparse
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square matrices are used to store locational data for
black and gray cells. Thelateral interactionistakeninto
account in such away that the probability of acell turn-
ing into one or ancther state depends on the number of
nearest neighbors being in a certain state.

The dynamics of color-to-color cell transitions is
calculated by means of matrix operations, which con-
siderably accelerates the execution of the algorithm [29]:

% initialization of matricesfor location datastorage,

% gray and black points,

m = 100; % dimension of matrices,

% initialization of matrices X and Y of gray and
black points, respectively, on white background,

X = gparse(m, m); Y = sparse(m, m);

% 100 x 100 matrix of uniformly distributed ran-
dom numbers[0...1],

R = rand(m);

% matrix of cell lifetimes,

T = zeros(m, m);

% number of gray, N1, and black, N2, neighbors,

N1 = neighbors(X); N2 = neighbors(Y);

% corresponding transition probabilities tau i,
wherei =1, ..., 7;

% white — (gray|white);

% gray — (white|gray|black);

% black — (white|gray|black);

I ?JA) lifetimes of corresponding points ttl_w; ttl_g;

ttl_b;

% local transition rules

% white — (gray|white)

dX1 =~ X& ~ Y& T >=ttl_w& ((N1>= 1|N2 >= 2)&

R<=tau_1)|(N1==0&..., N2 == 0&R <= tau_7));

% gray — (black|white|gray),

dY1l=X&T>=ttl_g&R< =tau_2&

(N1>=3|N2>=2);

% gray — black,

dW1l = ~dY1&X&T> =ttl_g&R<=tau_3;

% gray — white,

% black — (gray|whitelblack),

dX2 = Y& T >=ttl b&R<=tau 4&

(N1 >=3|N2 >= 2);

% black — gray,

dW2 =~ dX2&Y & T >=ttl b&r <=tau 5;

% black — white,

% reset of TTL for newly modified cells,

T =~ ((dX1|dY1|dW1|dX2[dW2)&T). *T,

X=X + dX1 —-dY1 -dW2 + dX2; % modification of
gray matrix,

Y=Y+ dY1 — dX2 — dW2; % modification of black
matrix,

T=T+1;%increaseof TTL by 1.

KAPLII et al.

Implementation of this algorithm generates a large
number of dynamic conditions, which can nevertheless
be categorized into four basic groups [30].
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Abstract—Nonstationary 1D equations describing the motion of electrons in a double plasma layer subjected
to the self-consistent electric field of the space charge are investigated with allowance for friction force.
Analytical solutionsto a set of nonlinear hydrodynamic equations for plasma electrons are derived. The varia
tion of the electric field strength, as well as of the electron velocity and concentration, in space and time is
found. Electron plasmamotions of different types of symmetry are characterized in terms of dynamic parame-

ters. © 2005 Pleiades Publishing, Inc.

(1) Charged particle flow dynamics is a subject of
great interest in such areas of science and technology as
radio physics, generation, injection, and transport of
electron and/or ion beams in a plasma or vacuum; etc.
[1, 2]. Most frequently, relevant studies are carried out
as applied to the double plasmalayer, whichisthe basic
structural component of the plasma and is dealt with
both in laboratory conditions (plasmafilled devices,
plasma probes, etc.) and in outer space (e.g., auroras
and experiments with charged particle injection in the
ionosphere) [3, 4]. As arule, the double plasma layer
consists of two space-separated unlike electrical layers
with different particle concentrations. Accordingly, the
plasma becomes charged, i.e., charged particle flowsin
it have an uncompensated volume charge. Furthermore,
the double plasma layer is usually studied either in the
steady state (the boundary conditions are set, and the
charged particle current isadesired parameter) [5] or in
equilibrium (the electric field potential is set, and the
subject under study is the behavior of the system, e.g.,
conditions of its stability) [6].

In thiswork, we study the 1D motion of electronsin
the double plasma layer where electrons and ions are
initially (t = 0) completely separated in space and have
amutual boundary and their net electrical chargeequals
zero. The ions are assumed to remain quiescent for
t=> 0. A solution to the problem will be sought for the
timeinterval 0 <t <t, wheret, isthe time instant the
electron vel ocity becomes zero at any point of the space
or the electron front reaches the boundary of the layer.
The first restriction follows from the fact that, at t > t,,
a counter flow of electrons may arise and, hence, the
particle trajectories will cross each other, which makes
the hydrodynamic approach invalid. The second restric-
tion impliesthat the el ectrons can move only within the
double plasma layer. Those reaching the boundary and

leaving the layer at t > t, should be omitted from con-
sideration, since they cease to contribute to the electric
field strength in the layer. Because of these restrictions,
the problem cannot be solved analytically.

Consider a double plasmalayer of volumeV =V, +
V,, where \, and V, are the respective volumes occupied
by electrons and ions at t = 0. These volumes are
bounded coordinates0< R<Aand A< R< R.. Herg, 0,
R., and A are the distances from the origin to the left-
hand boundary of the layer, right-hand boundary of the
layer, and boundary between V, and V,, respectively.
The electrons can move within theinterval 0s R< R,
and the ions are at rest within A < R< R.. Let electron
charge Q. in volume V, and ion charge Q; in volume V,
be such that

Q.+Q = 0. (1)

Charges Q. and Q; are assumed to be continuous
functionsin V, and V,,

Qe = enedVei Qi = |e|nidvi; (2)
! !

where eisthe electron charge and n, and n; are the con-
centrations of electrons and ions, respectively, in the
plasma.

Since the motion is one-dimensional, we can repre-
sent (1), inview of (2), as

A R;

J'ene(R, 0)R‘dR- J’eni(R, 0)RdR =0, (3)
0 A

1063-7842/05/5012-1544$26.00 © 2005 Pleiades Publishing, Inc.
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wherek =0, 1, or 2 for plane, cylindrical, and spherical
symmetry, respectively.

(2) To study the electron dynamics with regard to
the above approximations and restrictions, we will use
a set of equations for one-liquid cold plasma hydrody-
namics with allowance for afriction force proportional
tothe motion velocity [7]. With thermal effectsignored,
this set in the 1D representation appears as

oV, GAYAS e
Bt T VeaR TVeVe T B )
kaR(R E) = 4me(n.—n;), (5)
0E
i = —41nenV.,. (6)
Here, E(R, t) = E((R, t) + E(R, 0) is the total electric

field of electronsandions, V.(R, t) isthe electron veloc-
ity, Ris the distance to a point in space, m, is the elec-
tron mass, and v, = const is the electron—neutral colli-
sion rate.

To close set (4)—(6), we set initial and boundary con-
ditions [8]. Asthe former (t = 0), wetake

Ve (Ri,0) = 0, ngi(Ry,0) = ng;fei(Rs,0), (7)
E(R,,0)

R
= 4—T[J'[en2fe(R*, 0)—xen; f;(R,, )] Ry dR, ®
&

where0< RO< R;; ne = n’ = const are the undisturbed
concentrations of electrons and ions, respectively, in
the plasma; and f, ;(R, 0) = 1 are functions specifying
N i(R, 0). Parameter x =0or 1for OS R<Aand A <
R< R, respectively.

The boundary conditions at the outer (stationary)
boundaries of \V, and V; are given by

V.(0,t) = 0, ny0,t) = n2f.(0,0), ©
Vi(Ryt) = 0, n(R.t) = n/fi(R,0),
E(0,t) = 0, E(R,t) = 0. (10)

The boundary conditions for electrons at the mobile
boundary of V, and the position of this boundary are
found by solving set (4)—(6).

Integrating (5) over V between 0 and R, where Ris
the coordinate of the final position of the mobile bound-
ary of volume V; (at t = 0, this boundary has coordinate
Rp), and applying the Gaussian theorem, we get

M, Wy
€ p(k)nS

TECHNICAL PHYSICS Vol. 50

E(R1) =

sl We(R 1) —xWi(R, 0)] e (11)
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Here, wj = 4me?n?/myand P(K) = 1, 21, or 4rtfor plane,
cylindrical, and spherical symmetry, respectively.
Functions W(R, t) = P(K) I‘; n. (R, )RR and W(R t) =

XxP(K) Ji n (R, O)R[MR are the functions of the

Lagrangean materia variable [9] that define, in the
given case, the number of electronsand ions, aswell as
their charges g, = eW.and g; = |g|¥, in volumes V,(0, R)
and Vi(A, R).

Let us assume that the trajectories of moving vol-
ume elements do not cross each other; then, the number
of electrons in volume V, specified by coordinates [0,
R{0)] and [0, R(t)] (where R{0) and R(t) aretheinitial
and final positions of the mobile boundary) is time-
independent. Therefore, we can write [9]

R R.

J'ne(R, t)R'AR = J’ne(R*, 0)R{dR, . (12)
0 0

Thus, in view of (12), expression (11) can be recast
as

E(R.. R)

R
_ mg 2 k 1 (13)
= E{C(R*)—Xwo{fi(Rmo)R*dR*}E(,
where C(R) = o I:* f.(Rg O)R: dRiy
Substituting (13) into (4) yields
AV oV,
a +Ve—6§ +V V
1 (14)
= [C(R*)_Xngfi(Rwo)Ride}E(-
A

Passing to the substantial derivativein (14), we find
that

d’R . dR
dt Vet
(15)

= [C(R*)—xwéjfi(R*,O)RidR*}Rik

Writing (5) in the Lagrangean variables, we obtain
an equation for n(R 1),

Ne(Ry, 1) = XMi(Ry, 0)

B(E OE_0E 1 O
" amelR TR 6R*6R/6R*D

(16)
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(3) Letk=0and (R 0) = n’, i.e., (R 0) = 1.
Then, the electron motion is of plane symmetry and
proceeds in the presence of neutralsat R< A and in the
presence of neutrals and homogeneous background of
plasmaionsat A< R<R.

(i) For R < A, the solutions to set (4)—<6) have the
form (in view of (13)—16))

E(R.) = XC(R,), (a7

R(R,.1) = R+ HBut—1+ ep(va], (19)

e

Ve(Ro ) = LB el (19
ne(R*’ t)
0
- > nefe(R*v O) (20)

1+ 220yt~ [1- exp(—veh)]} To(R,, 0)

e

The constants of integration entering into expres-
sions (17)—20) can be found with regard to the initial
conditions.

From (17)—20), it follows that E(R[) = const|; by

virtue of plane symmetry and the initial conditions and
E(Rp) = const|; owing to the fact that dq¢/ot = O, where

0. isthe electron chargein the volume corresponding to
0<R<R[j(see(12)). Inthiscase, E(R[) isthe electric

field strength at a charged infinitely large plane. Let the
condition vt > 1 be met for the particlesmoving in the
interval 0 < R < A; then, R(R t) = R+ [C(RO/VL,
V(R t) — C(Rp/ve = constl, and ng(R t) =
nov/ wet. The time of motion of these particles can be
estimated from expression (18) wherewe put R(R; t) <
A. Eventually, we have

VeR:e 0A .0
R D= ERIR D

Putting fo(R 0) = p = const (the uniform distribu-
tion of ny(Rr; 0), we obtain from (21)

(21)

t(R*,A)suV—Q%EI%—IE. (22)

For v, — 0, expressions (17)—20) become solu-
tionsto set (4)—(6), which describes the motion of elec-
trons in avacuum [10].

(i) For A < R< R, and v, < 2wy, (low drag), we
arrive, in view of (13)—(16), at the solutions to set (4)—

FEDOROV

(6) intheform

E(R, 1)
RR, ) = o+ HE)
0 (24)

+ exp%—ve%(Glsith + G,cosQt),

V(R t) = exp%—ve%(Gasith+G4coth), (25)

(R, 1)
_ Nefe(Ry. 0) (20)

fo(Rx, 0) + exp E—ve%(G'lsith + G,cosQt)

Here, Q = (4me?n’ /m, — v2/4)Y2 = (wg — v2/4)Y2 and
functions G;—G, are functions of R The primein (26)
means differentiation with respect to R; From (23)—
(26), it follows that, if vt > 1, electron oscillations
decay; namely, E(Rpj t) — 0, RRp t) — A +
C(R)/w5, Vo(Rg t) —= 0, and n(R5 t) —= nq. In
other words, the particles tend toward the state of rest.
Also, they must stay within the plasma layer; i.e., the
condition R(R ) —» A + C(RD)/w < R, must be ful-
filled. Assuming that f(R7j 0) = M, we have R(Rp
t) — A+ pRO< R.. Then, p < (R, —A)/R3 Now, put-
ting Ry= A (the initial coordinate of the electron flow
front), we can find the maximal value of n(Rp 0) =

nop = nd(RJA — 1), at which the particles at the front
still remain within R;; that is, R(Rj t) < R.. Note that
the need to determine constants G,—G, isrelated to the
use of expressions (17)—(20), which specify “initial
conditions” for solutions (23)—(26) at point R(R; t) =
A. To find G;—G, in explicit form for the motion in the
domain A < R< R, it is necessary that each particle
with coordinate R from the domain 0 < R < A be
assigned specific (R A) and V(R A). In the general
case, however, thistask cannot be accomplished, since

the equations to be solved are nonlinear. Therefore,
constants G,—G, in (23)—(26) remained undetermined.
TECHNICAL PHYSICS Vol. 50
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(iii) If A< R< R, and v, > 2wy, (high drag), the solu-
tionsto set (2)—(4) in view of (13)—(16) are given by

m t
E(R. 1) = —03expaves

(27)
x [Gsexp(Et) + Gexp(E1)],
R(R,. 1) = A+ S(Be)
’ (28)
+ expHHv 1 Gsexp(ED) + Gexp(—E)],
Ve(Re. )
29
- seplv.G,ep(E) -Giep(-E],
no(Ry. 1)
_ Nefe(Ry, 0)

(30)
f(R.. 0) + expve5[Grexp (&) + Gyexp (1]

where & = (v2/4— w})Y2.

Expressions (27)—(30) describe the aperiodic
motion of the particles, which tend toward the state of

rest without oscillations. If vt > 1, vi/wjy > 1, and
R(R; t) < R;, we have from (27)—30)

E(R,, t) = —(m./e) s Gsexp[ vt/ (Vi wp)] ,
R(R,, 1) = A+ C(R, )/ + Gsexp[—v,t/ (Vi)
Vo(Ry) = EG exp[ vt/ (Vi )] ,

Ne(R.) = Nef o( Ry, 0)/{ fo(Rs, 0)
+Guexp[—vt/(VIad)] }.

n.(A, t) =

1547

Constants Gs—Gg in solutions (27)—30) cannot be
generally expressed in explicit form.

Let us study the motion of the particles at the front
of the electron flow. Substituting the expressions

C(B) = wyfe(D,0)4,
Gs = —(1+VJ28) (A 0)A/2,
G = —(1 -V /28)f (A, 0)A/2,

G; = (1-vJ28)Gs, Gg = (1+v,/28)G,

Gy = —(1+VJ28) (A, 0)/2,

Gy = (1-vJ28) (A, 0)/2,

which are found for Rj= A and V,(4, 0) = 0, into for-
mulas (27)—30), we obtain

E(At) = ‘*(A DO 2 ophy Ve
(31)
\Y)
<[ B+ seen(En + - 55t |
0
R(AT) = A+ f (A, O)A%ﬂ—%expg—ve%
(32

<[ B+ 5efen(en + B - 5e(- Et)}

A, 0)A0 2g
Ve(Aa t) = _M X%EGXDD eZ] (33)
x [exp(&t) —exp(-&t)],
ne

1

For vt > 1 and v2/wj > 1, we get from (31)—(34)
E(A 1) = (MJe)w f (A, 0)Aexp[—v t/(viwd)],
R(A, 1) =A + f (A, 0)A{ 1— exp[—Vt/(VZw))]}
Ve(A, 1) = [we fo(A, 0)A/v ] exp[—v qt/(velwp)],
TECHNICAL PHYSICS Vol. 50
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1-3 expﬁvezj[% ZEDeXp(Et) %

(34)
eXp( Et)}

Ne(A, t) = nY{ 1 — exp[-vt/ (VI W)} .

Putting R(A, t) = R in (32), we can find the time
instant the electron flow front reaches right-hand
boundary R, (i.e., timet,) (see Sect. (1)),

1 ERC O =
fo(A, O)DA ID}_tr'

t(D, R) = —=2 In[ (35)
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Let we have (R/A — D)/f(A, 0) = 1 in (35); then,
t. — c0. Thismeansthat the electronsin this case can-
not reach boundary R.. As follows from (33), if t 2 O,
then Vi(A, t) = 0; that is, the sign of the particle velocity
at the flow front remainsthe same. The velocity reaches
amaximum when

%]_ + Z—E—D
t(Vo ma(8)) = %lnm—\g%.
-3
If vi/wg > 1, we find from (36) that t(V, ,x(8)) =

(2vg)In(vduy). For this value of t(Vema(4d)), we get
from (33)

(36)

2

Vera(8) = f(8, 0822 37

For f(Rj 0) = W, expressions (35) and (37) yield
t(A, R) = v wp)IN[1 — (R, — A)/A] and Ve mad) =
HAW) V.

(4) Equation (14) can be reduced to the Abelian
equation of the second kind [11],

oV,
VeaR+v V.

R (38)
= |:C(R*) _Xng-fi(Rh O)RidR*i|§<
A

For v, =0, the solution to Eq. (38) may bewritten as
Ve(Ri: R)

= /\/ZJ'{C(R) xonf (Re, O)RidR,

R

}dR (39)

FEDOROV

Taking into account that V, = dR/dt, where R is the
time-dependent coordinate of a fixed particle in the
medium, we have from (39)

t(R*v R)

R
dR

- (40)

dR

_I R R
/\/ZI{C(R )— Xonf (R)RE AR,

Writing Eq. (5) interms of the Lagrangean variables

and using expressions (13) and (40), we find n(R; R),

) E OE OE 0UAR[
n(R, R) = xn 4T[eB(R 3R IR, 9UOR.T

(41)

Let, e.g., k=2 (thecasesk =0and 1 can be consid-
ered in a similar manner) and n(R 0) = n’ (i.e,
fi(R 0) = 1). Then, the spherically symmetric motion
of electrons proceeds in a vacuum at R < A or in the

presence of the homogeneous plasma ion background
aA<R<R.

(i) R< A, the solutions to set (4)—6) have the form,
inview of (13) and (39)—41),

mC(R*)
R’

E(R:,R) = (42)

VR, R) = JZC(R*)%L o @

t(R«, R)
Ri ———Arctanh 1- R*D 49
«/2C( «/ A ’

_ R*
R
ne(R,, R) = no—=% =
5 fo(Ry, 0) (45)
§ (*)0 e(Rk O)R-k
1—2[1 SR / R Arctann, 1~

Expression (42) implies that E(Rj R) ~ UR?
because of the spherical symmetry of the electron flow.
Since V(R R) > 0in (43), the electrons move without

crossing the trajectories. At R{R < 1, we find from
(43) and (44) that V,(R) = +/2C(R,)/R, = const|z and

(R R) = (RROAJR/2C(R,); that is, the motion
velocity does not vary with distance, while the time
grows with distance linearly. For f((R 0) = 1, we have

V(R ~ Ry Hence, it follows that the particles do not
outdistance each other if n(R R) isuniformly distrib-
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uted. Putting R = A in (43), we obtain the velocity at
which aparticle with initial coordinate Rjfallsinto the

plasmalayer (or into the segment R, — 4),
V(R A) = ch(Rk) _Rp

Expression (46) is “the initial condition” in deter-
mining Vo(R R) for the particles that start moving in
the presence of theions. It follows from (45) that, when
the electrons move in a vacuum, their concentration
drops by thelaw n(R; R) ~ VR®.

(i) For A< R< R, the solutionsto set (2)—(4) can be
written, in view of (13), (39), and (40), as

E(R,. R)—mﬁﬁ PR "L @)

(46)

WRA®
V(R,, R) = R,

Msc(R*) }% RO, 1 (48)
3 RD 3 ZD’
1

(R R) = te
XR dR (49
CR,)., R, 1
/\/3{ }%L RD 3

Theintegral in expression (49) can be reduced to the
eliptic integral of the third kind [12], which is nonrep-
resentable in elementary functionsfor k = 2 (unlike the
casesk =0 and 1). To find an analytical expression for
t(Rg R), we consider this integral for R{R = 1 and

R{R < 1. In the former case, we have R/Rj= 1 and
Rr/A = 1. Then, it follows from (49) that

R R
(R R)“chm*)ER* 5

If R{R < 1, then R/R;> 1 and, from (49),

(50)

- -
: = :
(R, R)=-§’arcsinm R, A, (51
0 0 370
02/ 3C(R) L A 7
O | R R0
O
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where it is taken into account that

J2[3C(R)/WIRE + A%RY] > 1.
Putting Rj= A and R = Rjin (51), we arrive at the

time it takes for the electron front to reach boundary R,
(cf. (39)),

s 3 =
A R) = arcs =t,. (52
« ) woarcsnDDA/Z[fe(A,O)+l]% ! (2)
| O

Subsequently, the electrons at the front leave the
layer (recall that the motion outside the layer is omitted
from consideration). It should be noted that t =

/3 /20y if f(R 0) = 1and R/A = 2.

To determine ny(R; R), we first put R{R = 1; then,
t(Rg R) isgiven by formula (50). Substituting (47) and
(50) into (41) yields

Ne(Ry, R) =n¢f (R, 0).

Such aresult is explained by the fact that the condi-
tion RfR = 1isvalid when the coordinate of the parti-
cleiscloseto A; that is, R{A = 1. The associated time
for these particles is t(Ry R) = 0 (see (50)). Actually,

the above approximations apply to particles at the el ec-
tron flow front that has coordinate Rj= A and starts to

move within theinterval R. —A. Therefore, n(Rj R) is

theinitial distribution. If R/R < 1, (R R) isgiven by

formula(51). Substituting (47) and (51) into (41) yields
oR* Z[SC( R,)

n 1. (54
R*3 OR*Ri} &9

Now we pass to the electron dynamicsin the double
plasmalayer for agiveninitial electron distribution. By
way of example, we put f(Rj 0) = W in formulas (42)—
(45), (47), (48), (50), (51), (53), and (54).

For R < A, the solutions to set (4)—6), in view of
(42)—(45), have the form

(53)

Ne(Re, R) =

2 3
E(R:,R) = u—mg%’%g, (55)
VR R) = R, S1H-BE (s0)
t(Re, R)
1—— Arctanh [1— R*E 7
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R* works. From (65), we have
ne(Ry, R) = png=% (59) & A
0
— > 1. 66
Veve, th ( )

Note that formulas (55)—(58) were also obtained
in[10].

For A < R< R, the solutions to set (2)—(4), in view
of (47), (48) (50), (51), (53), and (54), can be repre-
sented as follows:

(59)

2 3 (60)
-, ZhSHE-RE 10K

(R, Fe)~i/6DR -, RJ/R=1, (6D

ne(Re, R)=png, R,/R=1, (62)

R,/R < 1,(63)

ne(R., R) = nOR*ZSH 3% R/R<1 (64)

633

(5) To conclude, let us discuss the conditions under
which the simplifications adopted in this work are
valid.

() The hydrodynamic approach as applied to a cold
plasmaimplies that the thermal velocity is disregarded.
Thissimplification isvalid if the directional velocity of
plasma electrons that is gained in the electric field far
exceeds their thermal velocities; that is,

Ve(Rs, 1), Ve(Re, R)| 5 1

(65)
Ve, th

where \, v, isthe thermal velocity of plasma electrons.

Let k=0. Inthis case, the validity condition for ine-
quality (65) can be found from formulas (19) and (37)
for V(R t) provided that the constants of integration

in them are known. For example, substituting formula
(37) into (64), we arrive at a condition (a relationship

between parameters ng , Ve, aNd V¢, OF the medium and
geometrical factor A) under which this inequality

A similar estimate can be obtained for k = 2.

(ii) The statement of the problem ignores the ion
motion; that is, it is assumed that the ions are of an
indefinitely large weight (m — o). Such an assump-
tionimpliesthat the processesin the system are fast and
isvalidif

(T =L
Woi

(67)

where wp; = 4me2n’ /m.

(iii) The solution method assumes that the volume
element trgjectories specified by the solutions do not
cross each other. Otherwise, shock waves, discontinui-
ties of the density of the medium, etc., may appear. The
condition that the trajectories of electron volumes do
not intersect is met if IR/OR7> 0 or n(R)/(OR/OR) >

0. For n(RH) = nJ, the condition |(dV4(Ry
0)/d(R))/uwy| < 1is sufficient for the trajectories not to

intersect. In other words, the distribution of initial
velocity V(R 0) over Rmust be fairly uniform [10].
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Abstract—The gas dynamics in a discharge chamber for arc production of fullerenes in the inert gas atmo-
sphere is analyzed for the first time. A turbulent fanlike jet due to the carbon flow from the discharge gap is
shown to be a crucia factor in the gasdynamic pattern formation. The dependence of the fraction of fullerenes
extracted from the chamber on the total amount of the product is constructed, with the gas flow rate, aswell as
the radius and length of the chamber, being adjustable parameters. Tangential twisting of the gas, a way of
improving the fullerene extraction efficiency, is considered. © 2005 Pleiades Publishing, Inc.

INTRODUCTION

The complex process of fullerene formation in an
arc [1-3] and the relation of the product extraction effi-
ciency to the discharge chamber geometry account for
the fact that aconsistent theoretical model that makesit
possible to optimize the arc is still lacking. However,
the potential of the arc method of fullerene production
is far from being exhausted and it is believed that a
major part of this material will be produced worldwide
precisely with this method. Considerable evidence for
the beneficia role of the plasma at different stages of
fullerene molecule assembly counts in favor of this
statement [4-6].

In this work, which elaborates upon study [7], we
construct a smple model that allows one to calculate
the gas flow pattern in a cylindrical discharge chamber
the axis of which coincides with the axis of the elec-
trodes. Such a geometry is common to most arc-dis-
charge chambers for fullerene production. Based on
this calculation, one can estimate the flow distribution
in a chamber of any geometry with given dimensions.
Emphasis is on the gas flow along the electrodes, in
which case fullerene soot can be accumulated in a spe-
cial collector rather than being scraped out of the cham-
ber walls[8].

Initial information on the gasdynamic pattern in the
chamber that was extracted from analysis of fullerene
production in an infinite chamber without the gas flow
[7] can be summarized as follows.

(1) Near the source, the concentration of carbon (in
the form of the atomic gasand ions) ishigh; that is, the
plasma is heavily ionized. The carbon pressure forces
most of abuffer gas (helium) out of the discharge zone.

(2) A gas-plasmajet forms near the source. Itsinitial
velocity can be estimated as

_ _DP rinc 0T
© " P—n.TOn, IO @)

where T and n¢ are the temperature and concentration
of carbon atomsin the arc [7].

Calculated by (1), the flow (jet) velocity agrees well
with experimental data [9]. It sharply grows with cur-
rent (hence, carbon concentration). Under optimal pro-
duction conditions, it equals 20-60 m/s depending on
the arc-discharge mode.

(3) The jet isinclined, rather than perpendicular, to
the arc axis (z axis) at angle 6, = 60°-70° if the elec-
trode axisistaken to be directed from the anode to cath-
ode (Fig. 1). A jet making an angle with the arc axisis
generated by a conical nozzle [10], while a fanlike (or
radial-slot) jet is incident on the arc axis almost nor-
mally, 8, = 90°.

Zz
Cathode

Fig. 1. Discharge gap geometry.

1063-7842/05/5012-1551$26.00 © 2005 Pleiades Publishing, Inc.
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(4) Thejet isturbulent: the Reynolds number calcu-
lated with regard to the characteristic size of the dis-
charge gap far exceeds unity.

(5) Thejetisbinary. Initialy, it haslargely one com-
ponent (carbon); as the buffer gas is pumped to the jet,
it becomes a helium jet with a small carbon additive.
However, the results obtained for an incompressible
fluid are applicable just in the case at hand (a jet of a
heavy gas strikes a light gas when the temperatures of
the source of the jet and of its environment differ by
almost one order of magnitude), since the jet density
changesinsignificantly [7].

Therefore, with an accuracy sufficient for our pur-
poses, we can apply the results following from the the-
ory of a free turbulent jet of incompressible liquid
[11, 12] and represent jet half-width o, longitudinal
(radial) velocity u,, of the jet at its axis, transverse
velocity V,,, of the gasincoming to the jet at the bound-
ary &(x), and flow rate G of the gas pumped into the jet
versus distance x from the jet axisin the form

0 = 24ax, 2
U, = n/ax, ©)
Vi, = n/x, 4
G = 41mx1.2,/aryb,. (5)

Parameter a = 0.1 entering into (2)—5) is the phe-
nomenological parameter of the turbulence theory [11],
n = 1.2,/arybyuy, 2r, is the diameter of the graphite
electrodes, and 2b, isthe electrode gap width. Formulas
(2)—(5) refer to the main portion of the jet; however,
neglect of theinitial portion changes final resultsinsig-
nificantly. Importantly, formula (5) gives afairly accu-
rate result for theinitial portion aswell.

Backward viscous

gas flow ]
17 ]
Turbulent jet —, X
Anode!/ Cathode
T T S e e I

Fig. 2. 2D gas flow pattern in a cylindrical chamber for the
case when the jet decays at the wall. The gas is delivered
through the entire cross section of the anodic flange and
leaves the chamber through the slotted ring. The dashed line
shows the boundary of the turbulent jet; the dotted line, its
virtual extension to the outlet.
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(6) Fullerenesform at distance x, = 34 cm from the
discharge axis [13]. This distance is at least severa
times shorter than typical dimensions of the chamber
used in the experiments [1-3, 8]. Therefore, one can
consider the chamber geometry as not influencing pri-
mary fullerene production. Subsequently, the amount
of primary fullerenes reduces because of the UV radia-
tion from the arc [14], association of fullerenes and
fullerene-like clusters [9, 15], and other effects related
to the gas dynamics in the chamber.

The assumption that the chamber geometry does not
influence the jet parameters (at least within the
fullerene formation zone) is substantiated by relevant
experiments [11].

Thus, the production of fullerenes in large amounts
and their extraction from the chamber are essentialy
different processes, which should be considered sepa-
rately. Theformer iscontrolled by the current, gas pres-
sure, and electrode sizes; the latter, by the buffer gas
dynamics in a specific chamber and impurity
(fullerene) flow in the buffer gas.

Theresultsrelated to thefirst problem are presented
at length in [7]. Important additional information con-
cerning the effect of a plasma on fullerene assembling
can be found elsewhere [4-6].

COMPUTATIONAL MODEL

Gasflow patternin thechamber. A feature of agas
jetisthat it diverges (its cross-sectional area increases)
with distance from the source and the jet sucks the gas
from the environment (which is the chamber volumein
our case).

The initial gas flow pattern can easily be inferred
from the following considerations and estimates. For
initial (at x = rg) jet velocity V, = 40 m/s and typical
parameters of the electrode gap, the flow rate of the gas
sucked by the jet from the chamber is roughly G =
130 3/h for the chamber radius R = 10 cm. Below, it is
assumed, according to the experimental findings [8],
that gas flow rate Gy at the inlet and outlet of the cham-
ber (pumping-through) is at least three to four times
lower than this value. This means that the direct gas
flow isresponsible for only apart of the cross-sectional
areaof thejet (thedomain x < x; in Fig. 2). Over therest
of the cross-sectional area of the chamber, the jet sucks
the gas from the backward flow aong the chamber
walls.

A genera scheme of solution will first be based on
the 2D geometry, which corresponds to the radially
symmetric gas flow pattern in the chamber. Such a pat-
tern is observed when the gas enters and leaves the
chamber either along the electrodes or through radialy
running slotsin the walls (such agas outlet is shown by
thick line 1 in Fig. 2). According to the experimental
conditions, its was assumed that the gas flows from the
anode to the cathode. Accordingly, the entrance flange
and the half of the chamber upstream of the flow will be

TECHNICAL PHYSICS Vol. 50
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called “anodic” (theleft half in Fig. 2); that adjacent to
the cathode (the right half) will be called “cathodic.”
These terms will also apply to those jet parts adjacent
to the anodic and cathodic parts of the chamber.

The variations of the radial velocity along the jet
axis and of the transverse velocity at the jet boundary
(as well as along an extension of this boundary to the
wall if the turbulence of the jet fades out; the dotted line
in Fig. 2) are qualitatively shown in Fig. 3. On the side
walls of the chamber, the radia velocity of the jet
depends on the gas pump velocity if the jet is directed
totheinlet (curve 1) or vanishes (if pumping-throughis
absent or the gas leaves the chamber, for example,
along the axis of the cathodic flange (curve 1')). The
velocity transverse to the jet boundary (or to the exten-
sion of this boundary) is bound to change sign when
approaching the wall (curve 2). Such a situation,
namely, aturbulent reflection-freejet outgoing from the
chamber and the reflection of the turbulent jet from the
walls or from the edge of the outlet (or fadeout of tur-
bulence before the jet reaches the wall), occurs under
any flow conditions near the hole.

In the case of turbulent reflection (Fig. 4), the jet
propagating near the walls is bound to decay at adis-
tance from the point of reflection. The position of the
stagnation zone (point D in Fig. 4) depends on the
chamber length and gas balance condition: the total
amount of the gas absorbed by the jet (minus the gas
pumped through the chamber) must be restored to the
chamber, the flow velocity in the restore region having
to meet the viscous flow condition (Re < 1). This con-
dition specifies a minimal length (more exactly, half-
length) L of the chamber in the direction of jet reflec-
tion fromthewall. When the gasis not pumped, theine-
quality

L _n
R=5 (Ip)Y’ ©)

must be fulfilled, where n and p are, respectively, the
dynamic viscosity and density of the gas.

At a working pressure of 300 Torr in the chamber
and temperature 1000 K, (inequality (6)) is fulfilled if
the chamber isunrealistically long, L = 5R. With pump-
ing taken into account, condition (6) changes insignifi-
cantly and so actualy is not fulfilled. Therefore, two
situations should be considered: (i) the jet ceases to be
turbulent before reaching the walls and gas absorption
by the jet changes to gas escape from the jet along the
walls(Fig. 2) and (ii) when escaping from the chamber,
the gas is turbulent, the qualitative picture of turbulent
zones near the outlet having to be the same as in the
case of the“internal” jet flow from an annular source of
radius R and width h up to velocity sense (Fig. 5).

In case (i), radius x, of turbulence fadeout deter-
mined from the same considerations as for turbulent
TECHNICAL PHYSICS Vol. 50
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u,x, V,xa

Fig. 3. Variation of theradial velocity of thejet along itsaxis
and of the transverse velocity of thejet at its boundary.

T e T T v e o O e g % |

Cathode

Fig. 4. Turbulent reflection of thejet from thewalls (radially
symmetric case): (1) the boundary of the flow part of the
chamber (the wavy line is the boundary of the jet) and
(2) the jet axis.

~ ) ¢
Anode
R e e T L e (T o >
Xf1 Z

Fig. 5. Turbulent jet structure between the gap and ring out-
let for turbulent outflow from the chamber. The boundaries
of thejet are shown by thewavy lines. P isthe potential core
of the outgoing jet.

reflection can be easily found from the estimator

|| HD
X, = *anaB‘* 7)
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provided that the condition for viscousjet flow from the
outlet,

PR _Gq
o 2TRh ®

is simultaneoudly fulfilled.

In (7), as in (6), the gas velocity along the wall,
which specifies the backward flow rate into the cham-
ber, is assumed to equal n/p, which corresponds to the
condition Re= 1.

Conditions (7) and (8) are fulfilled for only a low
pump rate and a very short jet,

tsg%+%%+g%_, ©)

the length of which exceeds its potential core only
dightly. Therefore, case (ii) (Fig. 5) seems to be more
realistic. Thus, the gas flow from the discharge gap to
the outlet combines two turbulent jets passing into each
other. For brevity, the jet portion between the discharge
gap and point x, will hereafter be called the gap jet and
that between point x; and the outlet, the outlet jet. Point
X in Fig. 5 has the same meaning asin Fig. 2: the point
where the transverse velocity at the jet boundary
changes sign.

For the outlet jet, the dependences of parameters u,,,
V,, G, and & on distance R — x to the wall are well
known from the theory of plane turbulent jet. They are
similar to relationships (2)—(5) for the gap jet and are
given in Appendix 1. The gas balance in the jet results
in the following equation for point x,, where the trans-
verse velocity changes sign (see Appendix 2):

+ XeXi) %) SBXL -

(10)
[MD aR l|j(f|D
= 0.300RA b, ~20R0

An essentia point in deriving (10) is that the values
of x for the anodic (open) and cathodic (“plugged”)
parts of the chamber are different. Since a jet where
regions symmetric about its axis act in such away that
one absorbs the gas and the other forces the gas out of
the jet can hardly be conceived, x, was assumed to be
equal to the half-sum of the values calculated for the
cathodic and anodic halves of the jet.

Clearly, the above speculations are true only for x; <
X. In this case, the flow pattern in that part of the jet
adjacent to the anodic half of the chamber is identica
to the flow pattern in the cathodic half (there exists the
backward flow aong the walls). It is natural to think
that high-rate pumping, x; — X, will cause arc
breaking.

Analysis of the flow pattern in the entire volume of
the chamber is complicated by the presence of areas
with turbulent and viscous flows and by the finite

ALEKSEYEV, DYUZHEV

dimensions of the chamber. In addition, initial escape
angle 6, of the jet relative to the chamber axis may gen-
erally depend on the position of the ring slot through
which the jet leaves the chamber.

Significantly, a full solution (i.e., a solution to a set
of equations for the entire volume of the chamber with
regard to boundary conditions at the inlet and outlet of
the chamber and at its walls) is not only difficult to
obtain but also is not necessarily true. The fact is that
averaged turbulence equations involve many time cor-
relation functions, which may vary with the geometry
of the chamber.

Therefore, we used the available anal ytical solutions
for afreeturbulent jet inthe boundary layer approxima-
tion [11, 12]. At the natural boundaries of the jet, these
solutions were joint with viscous solutions for the rest
of the chamber.

The position of the slot for gas axial withdrawal was
taken to be such that the natural axis of the jet (the axis
in the absence of pumping) was directed to the dot.
Based on experimental data, we also assumed for con-
venience that the boundary between the jet and the
anodic part of the chamber (on the left in Figs. 2 and 5)
makes a right angle with the chamber axis.

The gas flow outside the jet and its extension to the
wall was assumed to be viscous. Then, a set of 2D
Navier—Stokes continuity equations reduces to a
fourth-order equation for stream function W specified
by the conditions

Vy=V = (1/x)(0W/0x),

(11)
V,=u = —(1/x)(0¥/02z),
and has the form of the curl transfer equation,
(VO) CeurlV —(curl vV O)V = vAcurlV,  (12)

wherev = n/p isthe kinematic viscosity of the gas and
Aisthe Laplacian.

In the absence of gastwisting and jet viscous atten-
uation, the simple potential approximation [10]

AY =0

provides a reasonable accuracy.

At the walls, stream function W can be set equal to
zero; at the inlet, it is defined by the boundary condi-
tions at the inlet. If the gas enters the chamber uni-
formly over the cross section of the entrance flange,
function W(x) at the inlet depends only on pump rate
G, At the boundaries of the turbulent jet with the
cathodic and anodic parts of the chamber, the stream
function outside the neighborhood of point x;, (Fig. 5) is
easy to calculate from the first conditionin (11) by for-
mulas (4) and (23) (see Appendix 1); in the neighbor-
hood of point x,, it isfound by linearly joining (4) and
(23) and integrating over coordinate X.

For the cylindrical chamber, a desired solution is
constructed by analytically expanding into the Fourier—
Bessel series. Analysis of the anodic part of the cham-

(13)
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ber isatrivia task in this case, since the boundaries of
this part have asimple cylindrical form (Fig. 5). For the
cathodic part, the situation is more complicated, since
this boundary makes an angle of 2 x 2.4a= 17/6 with the
jet (such isthe angle of divergence of afanlikejet from
the discharge gap calculated by formula (2) and sup-
ported experimentally [11, 12]). For the outward jet, the
angle of divergence (angle ¢, in Fig. 5) isrelated to the
angleof divergence of another, plane, jet[11, 12]. How-
ever, in our case, angle ¢, is uncertain: the point where
the gap jet passes into the outlet jet may lie just at the
beginning of the outlet jet. Therefore, the boundary
conditions were set on the axial plane of symmetry for
simplicity (the x axisin Fig. 5) and were taken such that
derivative dd/dl of the potential along the real boundary
that is obtained from the solution coincides with the
true derivative at least at the beginning of the gap jet (at
point x, near the outlet of the chamber).

Fullerene extraction from the discharge cham-
ber. The efficiency of fullerene production by the arc
method in a flow-type chamber is most natural to esti-
mate by fullerene percentage a' in the soot flux leaving
the chamber and by relativefullereneyield I'. The latter
parameter can be defined as the ratio of the fullerene
flux from the chamber, F, to the amount of arising
fullerenes, F, (Fig. 2),

E _ FO_F1+Fl_F2+F‘2

Fo Fo

Fullerenefluxes F, and F, coming from thejet along
the wall to the anodic and cathodic parts of the cham-

ber, as well as fluxes F; and F, returning to the jet

from the chamber (Fig. 2), must be found from a solu-
tion to the problem of heavy impurity (fullerene) diffu-
sion in a gas flow. This solution must aso include
fullerenelossesdueto UV irradiation and deposition on
thewalls. Obviously, such aproblem can be posed only
in agreatly smplified form. Thisis because fullerenes
near the cold walls of the chamber associate into clus-
ters, the kinetic properties of which differ radically
from those of fullerenes, and systematic data for
fullerene decomposition under UV radiation are virtu-
ally lacking.

When solving the problem of impurity (fullerene)
diffusion in aknown gas velocity field,

Div(ncV(X, y) —DOng) = —nelt (15)

we used the diffusion coefficient for soot clusters of
characteristic mean size 1= 3 x 10 cm [15]. The
boundary conditionsto problem (15) and characteristic
time 1 of fullerene irradiation by UV light are consid-
ered in Appendix 3.

Percentage a' isobtained in anatural way during the
solution of problem (15), which considers fullerenes
incorporated into soot particles, and a problem similar
to (15) that describes fullerene-free soot particles (the
right of (15) is zero in the latter case).

r

(14)
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ANALY SIS OF TWO-DIMENSIONAL GAS FLOW
AND FULLERENE YIELD

To compare the results of calculation with the per-
formance of the real 3D chamber where the gas goes
out through acircular hole of radius R, = 2.5 cmonthe
side wall [8], width 2b; of the ring slotted outlet was
taken to be 0.5 cm starting from the equival ence condi-

tion for surface areas: 2b; x 2R = TR .

As a parameter controlling the relative fullerene
yield, we took gas flow rate G, (Fig. 6). It is seen that
yield I' grows with increasing flow rate. On the right,
the curves terminate at X; — X;. Thus, for a chamber
of the given geometry, amaximal flow rate at which the
arc still persistsis optimal for the fullerene yield.

For the given radius of the chamber, the G, depen-
dence of fullerene percentage o' is very weak, in full
accordance with the experiment.

For a given G, I is virtually independent of the
dimensions of the chamber (Fig. 7). The left extremity
of curve 3in Fig. 7 correspondsto x;, — X.. When the
chamber dimensions are scaled up, I" increases with G
(Fig. 8).

Qualitatively, the results of calculation can be inter-
preted as follows. The value of I can be found not only
by solving the diffusion equation but also from the
approximate relationship

r-olgl ,Gg ;&G
|1:|_|:h._g G]_D 8161D
(16)
xDlD__l__ Eﬂ_p ps_zgﬂl
Ce,t1-g G ! 25161D ’

where P, = F; /F,and P, = F,/F, aretheintegral “sur-
vival” probabilities of the fullereneswhen they are once
passed through the areas of closed gas flow in the

0.8
0.7} 2 3 4

05rF
041
0.3
0.2
0.1

1
150
Gg, m3/h

|
100

Fig. 6. Relative fullerene yield vs. flow rate Gy. The radius
of the chamber is (1) 10, (2) 15, (3) 20, and (4) 25 cm.
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anodic and cathodic parts of the chamber, respectively;
G,/G, is the ratio of the gas flows reflected into the
anodic and cathodic parts of the chamber (Fig. 2);

GQ
G, + G,

is the contribution of the flowing gas to the anodic part
of thejet; and quantities

. - F,/F . = FalF
17 GG TP G,IG

characterize the behavior of the fullerene impurity in
the gas flow near the walls at the time instant this flow
(G =G, + Gy) splitsinto the backward flow along the
walls and the outward flow.

Relationship (16) follows from the balance condi-
tions for the gas and fullerenes and from the definitions
of parameters €, €, and g. In the absence of the
cathodic half of the chamber and under the assumption
€ = 1, thisrelationship takes the very simple form

_ g
"= ITR(Iog)

which isthe sum of an infinite geometrical progression
each term of which is the survival probability of the
fullerenes passed once more through the closed viscous
gas flow.

For the geometry used in this work (the chamber
with the plugged cathodic part) and under the assump-
tiong; =€, =1, it follows from (16) that

gE

G -1
M= gd-P-9+ZA-PI(1-gf . (7

If the jet leaves the gap at aright angle, it is natural
to assume that G, + Gy = G, and (17) simplifies even

0.7

T
NS}

0.6

0.5

04

0.3

0.2

0.1

1 1 1 1 1
0 5 10 15 20 25 30
R, cm

Fig. 7. Relative fullerene yield vs. the chamber radius at
flow rate Gg of (1) 20, (2) 40, (3) 60, and (4) 80 m3/h.
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more,
M =9g(2-P,—Py(1-9))7,

where g = x3/x, and X, is found from (10).

Probabilities P, and P, can be estimated from the
time of irradiation and the rate of fullerene and soot
particle deposition on the walls,

P=1-(L/tV)x(1-L/tV)
—(L/tguV)X(1=L/t44V),

where 14; is the characteristic time of particle diffusion
across streamlines of the gasand x(q) = 1 (for g > 0) or
0 (for < 0).

Even (17) and (18) allow one to qualitatively “see”
the results obtained above. From (10), it follows that,
for the chamber considered, the dependence g(G,)
obeys anear-sguare-root law when the flow rateishigh.
However, as G, increases, the closed-flow area in the
anodic part of the chamber shrinks and, consequently,
the irradiation dose of the fullerenes declines; there-
fore, probability P, of fullerene survival in (18) grows
and the dependence I'(G,) in Fig. 6 is a supra-square-
root function.

If the dimensions of the chamber grow with the flow
rate remaining constant (Fig. 7), the fullerene irradia-
tion zone moves away from the arc. However, this
effect is compensated for by an expansion of the
closed-flow area and an increase in the amount of
fullerenes drawn in this area. To raise the fullerene
yield, it is necessary to raise the flow rate.

Figure 9 showsthe maximal fullereneyield (i.e., the
yield at aflow rate above which the arc breaks) versus
chamber radius R. In a chamber with R = 30 cm, the
yield basically may exceed the yield at R = 10 cm by
20-30%; to this end, however, the flow rate should be
raised fourfold(!). Clearly, the fabrication of a gas
blower with such a high capacity, to say nothing of the
fabrication of such a large chamber, greatly increases
the cost of the installation.

From the engineering standpoint, a small-radius
chamber with a near-threshold flow rate seems to be
optimal.

(18)

WAY S OF IMPROVING THE FULLERENE YIELD
IN THE CONTEXT OF TWO-DIMENSIONAL
PROBLEM DEFINITION

The 2D definition of the problem is the simplest;
therefore, quantitative analysis of other 2D versions
that could increase the fullerene yield, first of al a
chamber with tangential gasinlet and outlet, is of inter-
est. The situation can be provided in such a chamber
when a heavy component (fullerenes) is not only
entrained by the main gas flow but is also continuously
extracted from the chamber by centrifugal separation of
the components.

TECHNICAL PHYSICS Vol. 50
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Fig. 8. Relative fullerene yield vs. the chamber radius for
ratio Gy (m3/h)/R (cm) = (1) 3, (2) 4, and (3) 5.

Even before performing related calculations, it is
evident that the gas streamline patterns are the same for
twisted and untwisted gas flows (Figs. 2 and 5). How-
ever, aturbulent fanlike jet turnsinto a twisted fanlike
jet. Twisting is accomplished twofold: by tangential
outlet of the gas from the chamber (and, correspond-
ingly, by turbulent transfer of vortices upstream) or by
viscoustransfer of vortices from the entrance cross sec-
tion of the chamber through its flow-through part.
Obvioudly, the first effect is much stronger. If it is
assumed, for definiteness, that the gas | eaves the cham-
ber through a set of outlets with sizesh and | < R
(Fig. 10), the angular momentum persisting upstream
[10],

G:R
nh./2IR

grows in proportion to the flow rate squared.

The centrifugal mechanism may act in either of the
two following ways. (i) It may displace the boundary
between the stream and closed-flow areas toward the
wall. In this case, the closed-flow area will shrink and
the capture of arising fullerenes into the chamber will
decrease. (ii) This mechanism may stimulate the escape
of thefullerenesfrom the outlet of the chamber by turn-
ing part of the gas flowing along the walls.

The amount of the former effect can be estimated
from an equation for the gas flow acrossthe jet using a
cylindrical coordinate system appropriate for afanlike
jet[10],

M=p (19)

0’V

ow, uw _ _dP

52 —)T 0z 622

ow

ax Y

(20)

(in the turbulent case, shear viscosity v changes to tur-
bulent viscosity v, determined by one or another empir-
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Fig. 9. (1) Maximal fullerene yield achievable at a given
radius of the chamber and (2) its associated flow rate.

ica method). In the boundary layer approximation, it
follows from (20) that P = const.

Thus, unlike the similar equation for an axisymmet-
ricjet,

—W’ly = —aP/dy +v(0°V/IdY’) (21)

in the spherical coordinate system [11], (the y coordi-
nateisshown inFig. 1), velocity Vin (20) isinsensitive
to rotation. Accordingly, the pressure at the center of
the jet does not drop (more exactly, it turns out to be a
small quantity of lower order than in the axisymmetric
case). Neither does the relatively slowly decreasing
correction (on the order of 1/x?) to the transverse veloc-
ity arise. As for the correction on the order of 1/x3, itis
localized at the center of the jet and its effect at the
boundary is not perceived (see Appendix 4). Thus, at
the boundary, rotation does not affect the gas velocity
across the jet.

The amount of the latter effect, centrifugal separa-
tion of aheavy component near the escape zone, can be
estimated from an equation of impurity diffusion rela-
tive to the gas flow, DAn: = Div(ncV) (EQ. 15 with the
zero right-hand side).

If the angular dependence is absent, the form of this
equation is the same for the twisted and untwisted
cases, sincethe angular velocity is not involved. Hence,
the transfer of a heavy component in the jet is aso
insensitive to twisting.

Thus, tangential twisting of the gas flow offers no
advantages from the standpoint of fullerene production.
Another possible modification of the chamber configu-
ration, double-sided gas delivery to the chamber
(through both the anodic and cathodic sides), aswell as
the 3D geometry of the chamber, will be considered in
part Il of this work. The need for considering the 3D
geometry is related to the fact that gas outlet through a
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Fig. 10. Gas outflow from a set of outlets with sizes h and
| <R

hole in the side wall isthe simplest way of gasoutlet in
engineering terms. However, it can be shown based on
the above results that the fullerene yield may decrease
in this case. The only question is how much this
decreaseis.

CONCLUSIONS

(2) A turbulent fanlike jet arising when the carbon
flow leaves the discharge gap plays a key role in the
gasdynamic pattern in the chamber.

(2) At a moderate rate of gas pumping from the
anode to the cathode, a characteristic flow pattern with
the backward flow along the walls forms in the anodic
(flow) part of the chamber.

(3) In awide range of flow rates, relative fullerene
yield I grows with flow rate G, However, at a certain
(threshold) value of G, (specific for a specific cham-
ber), the arc breaks.

(4) The threshold value of the flow rate sharply
increases with the chamber radius, however, the
fullerene yield grows much more slowly in this case.
Therefore, a small-radius chamber with near-threshold
pumping seems optimal from the engineering stand-
point.

(5) The transition to a chamber with symmetric tan-
gential twisting of the gas at the inlet and outlet of the
chamber raises the fullerene yield insignificantly. The
gasdynamic pattern in the chamber does not change
radically: the gas flow merely twists asawhole.

APPENDIX 1

Jet parameters versus distance to the chamber
walls. The formulas for the axisymmetric effusion of a
jet form afanlike source are well known [10]. However,
by virtue of the condition h < Rand also of the fact that
the area under consideration does not exceed half the
chamber radius (as follows from subsequent calcula-
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tions), one can apply the known results for the main
part of a plane jet with initial velocity V' and initial
width 2b, = h[11, 12],

u, = V'1.2,/b,/ay, (22
V., = V'0.6a,./b,/ay, (23)

wherey is the distance to the source of the jet.
The flow rate per unit length of the dlot is given by

G' = 2.4V'./ab,y.

(24)

APPENDIX 2

Position of the point where the transver se veloc-
ity at thejet boundary changessign. Asapplied to our
problem, the gas flow entering the chamber from the jet
forming at the outlet is given by

2.4V',/ab;(R—x,)2TR
for total length 21R of the dot.

Then, the gas balancein the anodic part of the cham-
ber (with regard to the stream part of the jet with radius
Xy and the closed-flow part (with width R — x,) of the
chamber near the wall) has the form

2mn(X,—Xq) = %2.4V'2T[R. /ab;(R—X,),

where V' is the gas velocity at the dotted ring outlet of
the chamber and x; is found from the law of conserva-
tion of the gas flow in the chamber,

2mnx, = Gy = 2mR2b,V'.

In this case, x, calculated in the anodic (flow) part of
the chamber must be found from the quadratic equation

X — Xy = 0.6Xqy./a(R—x)/b;.

It is easy to see that, for the cathodic part of the
chamber,

X, = 0.6xq./a(R—x,)/b;.

Taking the half-sum of these values, one readily
arrives at (10).

Significantly, in the course of solution, we used for-
mulas (5) and (24) for the rate of pumping into the jet,
which can be applied in theinitia portion of the jet. If
we used relationships of type (2) for the geometrical
shape of the jet, which are valid only for its main por-
tion, the position of point x; would be defined once and
for al (i.e., at any flow rate) by the geometric relation-
ship 2.4ax, = 2.4a(R — x,) and the relevant information
would be lost.

TECHNICAL PHYSICS Vol. 50
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APPENDIX 3

Boundary conditions for the impurity diffusion
equation at the jet boundary and the rate of
fullerenelost under irradiation.

(2) Clearly, the problem of fullerene diffusion from
the area of their birth, x = x;, should be posed for the
entire chamber in the domain x; < x < R. However, the
guestion arises of how to define the fullerene turbulent
diffusion coefficient within the jet. Taking into account
the linearity of the problem and the natural boundary
condition at the wall, n. = 0 (“black wall” condition),
one may try to set ne(x) at the jet boundary in the model
form

X1 R=x[T"

Nc = nC(Xl)X[R_le , N>1

Fluxes F,, F,, F;, and F, appearing in (14) are
determined as derivatives Don/dx at the outer bound-
aries of the jet.

(2) The available results for fullerene losses due to
UV radiation are contradictory. Experiments [3] on
keeping the fullerene soot under daylight (illuminance
up to 1 cd/cm?) and in the dark did not show any signif-
icant effect of radiation, unlike those performedin[14].
In any case, the upper limit of undangerous illumina-
tion can be estimated as follows. It is known that the
fullereneyield in achamber with pumping is no higher
than 10-12% under optimal conditions. If it isassumed
that UV irradiation “kills’ fullerenes, such a high per-
centage of the fullerenes lost at the walls is possible
only if at least one monolayer of the fullerene soot
deposits on the walls for characteristic time T of irradi-
ation. Then, we have

_ 21RH
U= GmvaePst

where H is the characteristic thickness of the soot layer
on the walls, dm/dt is the amount of the soot per unit
time deposited within this layer, and p, is the soot den-
sity.

The dependence of thefullerenelost timeonthedis-
tance to the discharge gap is estimated from the condi-
tion of conservation of radiation flux within a cone
specified by the gap geometry,

1T = (r5,/r%)(Lity),

where the ratio of reference values, rﬁv tyy, depends
only on the arc discharge conditions.

APPENDIX 4

Twist-related correction to the transver se veloc-
ity of afanlikejet. Asfollowsfrom (20), thetransverse
pressure difference between the axis of the jet and its
boundary does not depend on twisting and should be set
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equal to zero (as in the absence of twisting). Then, the
equation of motion and the continuity equation are the
same as those considered in [10],

U&+Va—z—7 Vg, (25)
ow ., 0W  uw _  0°w
u&+VE+ x —vazz, (26)

where velocities u and V are related to stream function
W by (11).
A solution is sought in the form [10]

b
w = ?_;.,.__4

a
W= AX+—...,
X X° X

In the zeroth approximation, coefficient A obtained
in[10] is

A= atanh%,
2v
where A = y/x, and
_ 20\
b, = C/cosh Sy

The next approximation, which iseasily found from
(26), follows from the equation

a, A" —a;A—4a A —b; = val®. (27)

Since we are interested in only the velocity at the
boundary, where aA/2v > 1, correction a; can be
sought in the form of the expansion

oA 0 oA

a; = p+mexp %_ED T NexpEoon (28)

which is similar to the asymptotics of A. Substituting
(28) into (27) yields

_ 0 oA 4C*V° 0 a/AQ
a = p%l—expD >yt T3 PET T (29)

Thefirst term in expansion (29) isunrel ated to twist-
ing. The second one is proportional to the angular
momentum of jet motion; however, itislocalized at the
axis of the jet and has no effect at its boundary.
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Abstract—Based on the model suggested in part | of this work and analysis of a chamber for arc production
of fullerenes, two ways of gas delivery to the chamber, one-sided pumping of the gas (from the side of the
anode) and double-sided pumping (from both the cathodic and anodic flanges), are considered. In the latter
case, the efficiency of fullerene extraction from the discharge chamber rises substantially. The axisymmetric 2D
case considered earlier is extended for the 3D geometry of the chamber, where gas outlet is accomplished
through the side wall of the chamber. © 2005 Pleiades Publishing, Inc.

INTRODUCTION

This paper elaborates upon investigation [1, 2] into
the process of fullerene production in an arc-discharge
chamber pumped through by a buffer gas (helium). The
analysis made in [2] and qualitative considerations
show that, in an “asymmetric” flow-type chamber,
where the gas is delivered through its anodic part and
the cathodic part is “plugged” [2, Fig. 5], aclosed gas
flow arises, which entrains alarge amount of fullerenes
and eventually reduces the total fullerene yield. An
increase in the gas flow rate makes the gas flow pattern
in the chamber even more asymmetric; the jet breaks
when the flow rate exceeds a critical (threshold) value;
and the arc, which is intimately related to the jet,
becomes unstable.

The simplest way of improving thefullereneyieldin
the cylindrical chamber is to deliver the gas through
both (anodic and cathodic) flanges and to discharge it
through an axisymmetric sot the position of which cor-
responds to the jet direction (Fig. 1). It will be shown
that the influence of vortices can be considerably
depressed in this case by appropriately selecting the
flow rate.

It is clear, however, that the implementation of such
a“truly” 2D geometry isdifficult. It seemsthat analysis
of fullerene production in an axisymmetric chamber
with double-sided gas delivery and a subsequent exten-
sion of the results to the 3D problem, where gas outlet
is accomplished through a circular hole in the wall,
would be of great valuefor fullerene production optimi-
zation.

CALCULATION OF THE FULLERENE YIELD
IN THE CASE OF DOUBLE-SIDED GAS
DELIVERY

Asin[2], our godl isto solve a set of equations for
the gas flow in the chamber (Fig. 1). Following [2], the
area of turbulence is separated out from the volume of
the chamber and is subjected to approximate analysis
using the results known from the theory of free turbu-
lent jet [3, 4] with the aim of determining conditions at
the boundaries between the jet and the anodic and
cathodic parts of the chamber. However, the boundaries

of the flow region with the anodic and cathodic parts of
the chamber (x{? and x{?, respectively, in Fig. 1) dif-

fer from those adopted in [2]. The positions of points

AP \—/é -

— RO S— -~

> fly 1 \ _

— | AF Anode i\ Cathode A

— i Turbulent jet ~

~> | Anodic | Cathodic| =~

Gas region of region of Gas
chamber chamber

Fig. 1. Schematic of a discharge chamber with the symme-
try axis along the electrodes and the streamline pattern for
the case of double-sided gas delivery and gas outflow
through aradial—annular slot. AF and CF are the anodic and
cathodic flanges, respectively.

1063-7842/05/5012-1561$26.00 © 2005 Pleiades Publishing, Inc.
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Fig. 2. Relative fullereneyield I (the left vertical axis) vs.
gasflow rate Gy for chamber radius R= 10 cm. Gas delivery
asymmetry parameter 6, = (1) 0.5, (2) 0.6, (3) 0.7, and
(4) 1.0 (one-sided delivery from the anodic side). The
dashed linerefersto the fullerene percentage in the soot (the
right vertical axis) vs. G4. Symbols (@) are data points.

x? and X , where the gap jet transformsinto the out-

going jet [2] are also different in the general case

(Fig. 1). When calculating the positions of xﬁa) and

xﬁc) , one may either find them independently or assume

them to be the same and use some averaged value in
subsequent calculations, aswas donein [2] (for details,
see below).

As in [2], the calculated values of characteristic

points x{ specify the conditions for the stream func-

tion at the boundaries of the jet with the anodic and
cathodic parts of the chamber (thewavy linesinFig. 1).

The procedures of calculating the gas velocity field
under boundary conditions specified at the walls, as
well as at the anodic and cathodic flanges (surfaces AF
and CF in Fig. 1), and the carbon impurity concentra-
tion are virtually the same as those used in [2].

In[2], the efficiency of the chamber in terms of the
fullerene yield was estimated with parameter I, which
is defined as the ratio of the fullerene flux from the
chamber to the amount of arising fullerenes. The fac-
tors that decrease I' are the UV irradiation of the
fullerenes by the arc and the deposition of thefullerenes
on thewalls.

Figure2 plotsI™ against flow rate G, at different val-
ues of 6, the fraction of the incoming flux that passes
through the anodic part of the chamber (6, + 6, = 1).
The value of 8, was assumed to be minimal, 6, = 1/2,
when the gas flows pumped through the anodic and
cathodic parts of the chamber coincide. For ease of con-
trasting with the previous results, the computational
techniquein the case of one-sided pumping (6,= 1) was
dlightly modified compared with that used in [2];
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namely, parameters x{?

pendently.

Asin [2], there appears a “crisis’ of solution at a
certain value of flow rate G; i.e., the solution becomes
physically meaningless. However, unlike the situation
in [2], where the crisis means that the condition x; < x;
isno longer valid, herethe crisisliesin thefact that dis-

tance xfc) becomes equal to chamber radius R and the

free turbulent gas flow just cannot leave the chamber in
the absence of a pressure gradient along the jet axis.
Physically, thisformal result meansthe same as before:
the need for providing a considerable pressure gradient
along the jet and the need to take into account this gra-
dient in the solution. This will cause a substantial
changeinthe arc discharge conditions and instability of
the discharge.

The crisis values of the flow rate calculated by the
two techniques mentioned above differ by 15-20% and
vary in a basically similar manner. Therefore, we will
speak of thelimiting value of the flow rate at which x®

and x§°) till differ (are calculated separately) and the

condition x? < Rholds. Theboundary x® =Ristoan

extent conventional. One could equally well assume

that the maximum flow rate corresponds to an) =

(c)

and x;~ were calculated inde-

(X + R)/2, in which case point x® with the zero
transverse (to the jet) velocity is close to the middle of
the closed-flow area. However, speculations at such a
definition do not change at all and associated estimates
change insignificantly.

Figure 3 showstherdativefullereneyield versusthe
flow rate at different 8,. Double-sided pumping is seen

to noticesbly raise threshold flow rate G and relative

fullereneyield T achievable at G{” .

Moreover, at atotal flow rate far from the threshold
value, the fullerene yield grows with flow rate until gas
delivery becomes more symmetric: at Gy 225 md/h,
curvel (theflux ratiois1: 1, 6,= 1/2) runs above curve 4
(one-sided gas delivery from the side of the anodic part
of the chamber). Such aresult could not be predicted in
advance, since, as gas delivery becomes more and more
symmetric, the boundary of the cathodic closed-flow
area moves away from the radiation source, while the
anodic area of closed flow approaches the source. Con-
sequently, the fullerenes entrained by the two flows
experience different actions.

Figure 3 and 4 show the dependences of G|” and
™ on 6, for different chamber radii R. Interestingly,
when pumping is symmetric, ™ varies with R only
dlightly (the left-hand ends of curves 1-3in Fig. 4). If
one-sided pumping prevails (8, — 1), conversely, a
small chamber (R = 10 cm, curve 1), which is more
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Fig. 3. Gasflow rate threshold value Ggh) vs. 8, for cham-
ber radius R= (1) 10, (2) 20, and (3) 30 cm.

appropriate from the engineering standpoint, cannot
provide a high fullerene extraction efficiency and so a
large chamber should be designed.

BOUNDARY CONDITIONSAND STREAMLINES
FOR THE ASYMMETRIC AXIAL GAS FLOW
IN THE 3D CHAMBER

Aswasindicated in [2], the need to consider the 3D
problem is related to the fact that gas outlet through a
holein the sidewall is much simpler from the engineer-
ing standpoint [3].

We will consider first a chamber with one-sided gas
inlet uniform over the cross section of the anodic flange
(asin[2]) and gas outlet through ahole in the side wall
of the chamber. It is assumed that the center of the hole
is roughly aligned with the direction of the arc-pro-
duced gasijet.

The streamline pattern in the axial section of the
anodic part that passes through the center of the outlet
isshown at the left of Fig. 5. Clearly, this section isthe
only one that involves al streamlines originating in it
and is crossed by no other streamlines at none of the
points. It is natural to assume that the same pattern will
be observed in the cathodic part of the chamber. How-
ever, one could imagine quite adifferent streamline pat-
tern in the cathodic part with a“bottom to top” gasflow
toward the outlet (Fig. 6). The feasibility of such a pat-
tern can be evaluated by contrasting Fig. 6 with the for-
mally identical case of 2D geometry. In such a 2D rep-
resentation, the problem becomes two-dimensional and
one may take advantage of the idea of the stream func-
tion. Then, if gas delivery through the inlet flange is
symmetric, the stream function has equal values over
half-plane 2 and band 1 (to the left of the outlet in
Fig. 6). In going through the outgoing jet to band 3
(Fig. 6), the stream function changes. However, for the
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Fig. 4. Relative fullerene yield ™ achievable at threshold
flow rate Ggh) vs. 6, for R=(1) 10, (2) 20, and (3) 30 cm.

flow pattern in the cathodic part of the chamber shown
in Fig. 6, such a situation is unrealizable, since intake
of the gas from the lower part of the chamber entails
“short circuiting.”

Therefore, the gas flow pattern in the cathodic part
must be identical to that in the anodic part (Fig. 5) with

Anodic \ |
region of  Stream
chamber part of flow S,

v
Chamber bottom (¢ = 0)

Outlet
-0, <dp<m

Fig. 5. (Q) Characteristic regions of the flow in the anodic
part of the chamber in the axial plane passing through the
outlet section: surfaces S, and S; are the boundaries of the
jet with the anodic and cathodic parts of the chamber; (b)
(2) streamlines at the jet boundary and (2) ¢-dependent
boundary of the viscous decay region; and (c) plane projec-
tion of the part of the chamber surface that isimaginary cut
by the gap jet and streamlines along the chamber surface.
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Fig. 6. Imaginary picture of streamlineswhen the gas passes
through the cathodic (“plugged”) part of the chamber.

the only exception that the stream part of the flow inthe
cathodic part is absent. Thus, the streamline pattern dif-
fers from the axisymmetric case only quantitatively.

For convenience, let the gas | eave the discharge gap
toward the outlet of radius R,,; within solid angle (the

exit cone angle) 2¢, = 2R, /R (Fig. 5).

In the gas flow model shown in Fig. 5, the gas flow
through the jet to the outlet is accomplished as follows.
A fraction of the gas enters the exit cone immediately
from the anodic part of the chamber. Therest of the gas
is sucked into the jet; scatters along the radius to the
center; and then fallsinto the exit cone together with the
circular flow, entirely remaining within the jet (and its
geometric extension to the walls; dashed arrow 4 at the
right of Fig. 5).

In the upper part of the chamber, the streamline pat-
tern is akin to the axisymmetric case: turbulent outflow
from the chamber, the structure of the jet incoming to
the outlet being identical to the structure of the outgo-
ing plane jet up to velocity sense. In the lower part of
the chamber and in all axial cross sections not passing
through the outlet, the jet decays before it reaches the
walls. Accordingly, the flow becomes viscous and
spreads over the walls with a velocity specified by the
condition Re= 1.

Each section not passing through the outlet covers
the flow region and the region where the flow along the
walls is closed (stagnation zone). Therefore, as in the
axisymmetric case, here two characteristic points are
separated out: point x; (the radial boundary of the flow
region) and point x, where the velocity longitudinal
along the walls and transverse to the jet changes sign.
The positions of points x; and x, considerably depend
onangle ¢ (seetheright-hand part of Fig. 5). If the flow
pattern inside the jet is known, boundary conditionsfor
gas flow analysisin the chamber should be set at the jet
boundaries and their geometric extension to the walls
(surfaces S,and S in Fig. 5).

The internal friction of the jet should be calculated
asfollows. Theintegral conditionsfor curves x;(¢) and

ALEKSEYEV, DYUZHEV

x($) can be obtained by anal ogy with a set of equations
for gas balance under one-sided gas delivery (pumping)
inthe 2D case [2]. These equations are

2mnx, = Gy = 2mMR2b; U, (D)

which describes the balance for the flowing gas (the gas
flow into the stream part of the jet, X < X;, equals the
flow leaving the outlet), and

2mn(x,— Xq) = 1.2uy,2mR,/ab,;(R—X,), (2
which describesthe balance of the gas circulating in the
chamber. In (1) and (2), 2b, is the width of the outlet
ring slot and u,, is the gas velocity inside this dot.

In the 3D case, the balance equation for the flowing
gas (an analogue of (1)) hasthe form

Tt

2n[doxq () = 40Uy, 3

where d is the half-side of an imaginary square outlet
whose cross-sectional areaequalsthat of acircular hole
of radius Ry, (TR, = 4dP).

When calculating the balance of the circulating gas,
one should take into account circular flow G, entering
the exit cone. A fraction of thiscurrent (KG;, K <1) sub-
sequently fallsinto the outlet of the chamber, while the
remainder turns back to the chamber (Fig. 5).

The circulating gas has the following components.
The inflow to the jet from the stagnation zone is given

by
2nfd¢(xt(¢) =X (9)). (4)

The backward flow from the jet to the chamber isthe

sum of backward current G\2,, which completely
formsin the exit cone (i.e., intherange ¢ = (11— ¢,)—Tt
on the right of Fig. 5); the part of the circular current
that fallsinto the exit sector but returns to the chamber
(the lower part of Fig. 5); and backward current Gﬁ,i):k :
which completely forms in the range ¢ = 01— ¢,)
(Fig. 5).

Flow Gi,la);k is specified by amodel of gasflow inthe

outlet. Here, it is viewed as a portion of ajet outgoing
from an infinite plane slot with an appropriate flow rate

streamwise[4, 5]. Then, flow Ggﬁk canberelated tothe

flow 2mMRY2,/ad(R—X,)Uy, Which would enter a

plane jet of half-width d effusing from a slot of length
21R at flow velocity

~  _ Gy—KG;

Uout 947
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(i.e., the gas inflow to the exit cone due to the circular
flowsis excluded). Thus,

G, = 21TR¢11 2,/ad(R— xt)

KG1

()

Flow Gf)?,:k can be calculated under the assumption

that axial radial velocity u,, varies from U = n/ax

[2, 4] at x < x(®) (the part of the jet that is considered
to be free) to zero at X = R and that incoming gas veloc-
ity V,, transverse to the jet varies from V= = n/x [2] at
X < %(9) to Vge = 0/p, which setsin when Re = 1 [2].
For gas circular velocity in the jet, V,, we can put

= un(1-2(% %)), (6)

Vi=Vee = (V" =Vee) (1= 2(X, X))

_ turb (7)
- VReZ+Vm (1_1)-

wherefunction { variesfromQOat x=xto1at x=R, and
use the jet-thickness-averaged continuity equation.
Eventually, we easily find that

6V¢ _ turb 61
aq) Al aX - 6(X)VREZ (8)
- ¢; R
Gioy = 2n [ b [ d(n(1-200) + VeeX0). (9)
0 X ($)

Theintegral A; = [ dAfy(A) in (8) depends on the

form of the radia (transverse) velocity curve in the
jet[1].

In the final form, the analogue of balance (2)
appears as

T

2nJ’dd>(xt—xﬂ) = G, +G2, +(1-k)G,, (10)
where
G, = 2nR9ﬁ11.2m gﬂia’fz—G—l, (11)
- ¢, T
Guase = 20 [ do [ dx(n(1-4()) + Vrex?), (12)
0 x(9)

(Xt

G, = Zjdxﬁ(xfo)) + 420804

(0)

—— (X=X )V (%). (13)
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In (13),

turb 6 Z

- ¢y
Vg)l)(x) = I d¢'%1u Xax 6( )VReZE (14)

isthe angular velocity of the gas entering the exit cone
together with the circular flow.

Parameter k can be found under the assumption that
the flow entering the exit cone comes largely from the
domain x > x(¢) (such an assumptionistotally equiva-
lent to the idea that the jet does not “sense” the outlet
until it reaches the point x = x(¢) and, accordingly, the
circular current does not distort the streamlines in the
jet). Then, calculated at the end of the exit cone, the
flow through the chamber is given by 2nd; + KG;.
Hence,

2n¢, +KG, = G, (15)

In relationships (10)—(15), parameters x@ = x(¢ =

) and X\ = x,(¢ = ™) (the right-hand side of Fig. 5)

can be considered unknown and calculated by preas-
signing some analytical dependences x;(d) and x,(¢)
within the interval between ¢ = tand ¢ =

The jet pattern at ¢ = 0 must be the same as in the
absence of pumping (x” = 0). In the absence of pump-

ing, the value of xfl) was calculated as in the 2D axi-

symmetric statement ([2]) (see Appendix 1 in part |)
and so was considered known in the 3D problem.

From the calculated values of x(” and x{”; con-

structed curves x(¢) and x.(¢); and dependences (6),
(7), and (14), one can set conditions for velocity fields
u, V, and V, the boundary of the jet. However, unlike
inthe 2D problem, here most of the anodic and cathodic
parts of the chamber are occupied by the viscous circu-
lar flow adjacent to the area where the jet viscously
decays. Therefore, the velocity field in the chamber
should be calculated based on the classical equation of
motion of the curl for a viscous incompressible
liquid [6],

(vO) ourlV = (curlvV )V = vAcurlV.  (16)

Equation (16), being a third-order equation,
requires, along with the obvious condition u = 0, an
additional boundary condition at the walls. Therefore,
bearing in mind that the boundary conditions and the
problem as a whole are of approximate character, we
did not solve Eq. (16). Instead, we approximated veloc-
itiesu, V, and \2 from the plane z=—-L to the plane z =
0 (for the anodic part of the chamber) and from the
body of revolution z = 2x to the plane z = 0 (for the
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Fig. 7. Relative fullerene yield " vs. G4 under (1, 1') one-

sided gas delivery and (2, 2) totally symmetric double-
sided gas delivery for the (1, 2) 3D and (1', 2') 2D cases.
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Fig. 8. (1, 2) Threshold gasflow rate G{" and (1, 2) rela-

tive fullerene yield I™ achievable at G{"

radius R for the (1, 1') 2D and (2, 2') 3D cases.

vs. chamber

cathodic part of the chamber) by relationships of type
V(X1 Zl ¢) = VAF(X! ¢)
+ (Vs (% §) = Vae(x $))((z+ L)/L)",

where Vg (X, ¢) = V(x, 2= 0, ¢) is the velocity field at
the boundary of thejet (S,in Fig. 5) with the anodic part
of the chamber and V, (X, ) = V(x, z=—-L, ¢) isthe
velocity field at the anodic flange.

Exponent N was varied. For the curves given below,
itwastakentobell = 2. Itisessential, however, that the
variation of exponent M changes the final result much

ALEKSEYEV, DYUZHEV

less significantly than the transition to the axisymmet-
ric 2D geometry.

ANALYSIS OF THE THREE-DIMENSIONAL
PROBLEM

Fullerene yield I' versus the gas flow rate depen-
dence was taken for chambers of different radii
(curves1 and 2 in Fig. 7). For comparison, Fig. 7 also
plots the same dependences for an axisymmetric cham-
ber (curves 1' and 2'). When constructing curves 1' and
2', we took dot width 2b; such that the cross-sectional

area of the outlet in the 3D problem, TIR%, , was equal
to 2rR2b; .

It follows from Fig. 7 that, compared with the axi-
symmetric case, I reaches a maximum at a lower flow
rate and is smaller in magnitude by roughly 20%. This
drop depends on parameter 2b, only slightly.

The qualitative inference that an increase in the
chamber radius is an effective means for improving the
yield provided that the flow rate increases simulta-
neously (which leads to the need for a higher capacity
blower) also remains valid.

The dependences of threshold flow rate G and

relative fullereneyield achievableat G, = G|, '™, on

the chamber radius are shown in Fig. 8 (curves 2 and
2'). The same dependences for the 2D axisymmetric
case are also given for comparison.

The dependence of '™ on parameter 0, at a fixed
chamber radius also resembles this curve for the axi-
symmetric case (Fig. 9). This means that alossin the
efficiency of the 3D chamber compared with the 2D
axisymmetric one does not grow, if not compensated,
when one-sided gas delivery is replaced by double-
sided delivery.

Of great interest is the dependence of the relative
fullerene yield on the chamber length that is calculated
for the simpler, 2D case. As the length increases (all
other parameters being the same), I dightly grows.
However, this growth is very sensitive to a specified
coordinate dependence of the fullerene irradiation
intengity. If it is assumed that the intensity is uniform
(direction-independent), this effect is much weaker or
even changes sign. This is because, as the chamber
elongates, so doesthewall area of fullerene deposition.
The sameistruefor fullerene-free soot particles. At the
same time, if the radiation is isotropic, the fullerene
irradiation conditionsvary insignificantly. Asaresult, I
decreases with increasing chamber length. If, however,
the radiation intensity has a distinct peak in the cross
section of the chamber that passes through the gap,
some of the fullerenes in alonger chamber fall outside
the irradiation zone and the survivability of fullerenes
twisted in the vortex flow rises, abeit insignificantly. In
general, the length of the chamber has aweak effect on
the efficiency of fullerene extraction from the chamber.

TECHNICAL PHYSICS Vol. 50

No. 12 2005



EFFICIENCY OF ARC PRODUCTION OF FULLERENES

()
0.7

1

05

04 1 1 | |
0.5 0.6 0.7 0.8 0.9

Fig. 9. Relative fullerene yield r ys, parameter 0, in the
(1) 2D and (2) 3D cases. The chamber radiusis R =10 cm.

COMPARISON WITH EXPERIMENTAL
DATA

The dependence of the fullerene yield (in percent-
age) on the gas flow rate, a(Gy), in the case of the 3D
geometry is the only characteristic that makes qualita-
tive comparison with experiment possible. Both the
experiment carried out with the setup described in [3]
and the calculation indicate that the curve a(Gy)
sightly increases (Fig. 2). Therefore, as G rises, the
efficiency of the setup isnot directly associated with the
absolute amount of fullerenes produced; rather, it is
related to an increase in the absolute amount of the soot
(and, hence, fullerenes) extracted from the arc.

It should be noted that the comparison in this case
can be made only on the qualitative basis, since the
absolute value of a ishard to calculate directly: the cal-
culated (dashed) curve in Fig. 2 is drawn so as to fit
experimental data (circles) at theinitial point with G, =
16 mé/h.

Thetrianglein Fig. 2 correspondsto the onset of arc
instability under one-sided gas delivery and roughly
corresponds to the threshold value of flow rate.

Unfortunately, we have not managed to find any
other publications that can be employed to make an
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independent comparison of our caculations with
experiment. For example, in works [7, 8], which are
similar to oursin design of experiment, the gasis deliv-
ered through alargeinlet holein the cathode, so that the
gas velocity at the exit from the gap isafunction of the
flow rate.

CONCLUSIONS

The basic results of thiswork are as follows.

(1) Double-sided gas delivery (from both the anodic
and cathodic sides) raises the efficiency of fullerene
extraction from the chamber. The higher the total gas
flow rate, the stronger this effect.

(2) In addition, double-sided delivery makes it pos-
sible to raise the flow rate threshold level at which the
arc still persistsand, accordingly, to greatly improvethe
fullereneyield.

(3) The advantages of double-sided gas delivery are
highlighted at asmall radius of the chamber, R< 10 cm.
In alarger chamber, these advantages are not so pro-
nounced.

(4) In a 3D chamber with fullerene extraction
through aholein the sidewall, thefullereneyield drops
by 15-20% compared with a 2D axisymmetric cham-
ber. The drop is dlightly dependent on the width of an
annular slot equiareal to areal circular hole.
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Abstract—The generatrix of anonlinearly vibrating charged drop of a viscousincompressible conducting lig-
uid is found by directly expanding the equilibrium spherical shape of the drop in the amplitude of initial mul-
timode deformation up to second-order terms. A fact previously unknown in the theory of nonlinear interaction
is discovered: the energy of an initially excited vibration mode of a low-viscosity liquid drop is gradually
(within several vibrations periods) transferred to the mode excited by only nonlinear interaction. Irrespectively
of the form of theinitial deformation, an unstable viscous drop bearing a charge slightly exceeding the critical
Rayleigh value takes the shape of a prolate spheroid because of viscous damping of all the modes (except for
the fundamental one) for a characteristic time depending on the damping rates of the initially excited modes
and the further evolution of the drop is governed by the fundamental mode. In a high-viscosity drop, the rate of
rise of the unstable fundamental mode amplitude does not increase continuously with time, contrary to the pre-
dictions of nonlinear analysis in terms of the ideal liquid model: it first decreases to a value dlightly differing
from zero (which depends on the extent of supercriticality of the charge and viscosity of the liquid), remains
small for awhile (the unstable mode amplitude remains virtually time-independent), and then starts growing.

© 2005 Pleiades Publishing, Inc.

(1) Investigation into the nonlinear vibration of the
charged drop was begun about two decades ago, and
today more than 50 publications concerning this issue
are available. However, all the analytical studies have
been carried out in the approximation of anideal liquid
[1-4], the nonlinear vibrations of viscous drops being
studied only by numerical methods (see, for example,
[5, 6]). Accordingly, both the epistemol ogical and prog-
nostic value of such worksare limited (regardless of the
degree of correctness and methods employed). The rea-
son for such a situation is obvious. analytical calcula-
tions of nonlinear vibrations of a viscous liquid drop
and resulting expressions are extremely awkward. Nev-
ertheless, the analysis of the time evolution of aviscous
liquid drop deformed at the zero time that was per-
formed in an approximation linear in initial deforma-
tion amplitude [4] suggest that the nonlinear vibrations
of a charged viscous liquid drop are quite computable
by asymptotic approaches, at which the present paper is
aimed.

(2) Let a spherical drop of an incompressible vis-
cous perfectly conducting liquid of radiusr,, density p,
kinematic viscosity v, and surface tension ¢ bear elec-
tric charge Q. Thevelocity field of theliquid flow inthe
drop is denoted by U(r, 9, t); the pressure field, by
p(r, 3, t); and the electric field potentials near the drop
and onitssurface, by @(r, 9, t) and @4t), respectively. In
spherical coordinate system (r, 9, @), the equation for

the surface of the drop executing axisymmetric vibra-
tions at any timeinstant t can be written in the form

F(r,9,t)=r—r,—¢&(9,t) = 0. D

Theinitial deformation of the drop isrepresented as
a superposition of modes,

t=0:§0)=¢ Z hmPrm(K);
mOQ (2)
Z hn = 1, H=cosd;

mOQ

where € is a small parameter characterizing the initial
perturbation amplitude; P.,(1) is the mth-order Leg-
endre polynomial; and Q is the set of indices of the
modes that, when superposed, specify the initial defor-
mation of the equilibrium (spherical) shape of the drop.

Mathematically, the problem of nonlinear axisym-
metric capillary vibrations of such a drop the shape of
which at the zero time is described by (1) and (2) is
stated as

9,U + (U W)U = —%gradp+vAU; divU = O;
Ag = 0;
t=0:U=0;

r— 0: U<oo;

r— +00: Vo—0; r =ry+&(9,1): @ = @4t);
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r=ry+&(d,t):0F+(ULV)F = 0;
tOnV)U+nQrV)U = O;
—p+2pvn On DV)U—8—1T[(V(p)2+Gdivn = 0; @
In (W@dS = -4nQ;

S

S={rnd,¢|r=r,+¢, 0<<m; 0< ¢ <21¢ ;
Ir sngdrd9do = 4”r3,

V=A{r9,0|0sr<ry+&;,0<s9<m; 0<¢<2r%;

Ir r’singdrdddd = O,

where d, means partial time differentiation, T and n are
the unit vectors of the tangent and external normal to
the free surface defined by expression (1), and A isthe
Laplacian.

(3) The above set of equations is nonlinear, and its
solution will be sought by direct expansion in small
parameter €. For this purpose, al the desired values are
represented in the form of asymptotic expansionsin €,

£(9,1) = e€0(9,1) + (9, 1) + O(Y);
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(E%);

p(r,9,t) = pr, 9,t) +ep(r, 9,1)

+e2p@(r, 9,1) + O(e);

o(r, 9,t) = ¢O(r, 1) +eg™(r, 9,1)

(4)

ou(t) = (1) +eqt”(t) + € <2>(t) +0(g%),

where e and ey are the unit vectors of the spherical
coordinate system.

Substituting these expansions into the above set of
equations and equating the coefficients multiplying
equal powers of small parameter € on the left and on the
right to each other, we split the initial nonlinear prob-
leminto aset of interrelated linear inhomogeneous sub-
problems.

(i) In the zeroth order of smallness, the subproblem
is stated as

r—+00: V@@ . 0;

(1)

Ag'” = 0;

r=ry (p(O) —
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1

-p?-pg’ +py = 0; Iroar ¥d(cosd) = -2

The solution to this subproblem has the form

¢ = 9; o = Q.

2
r ry p(O)+Q = 22 )
0

gy To
(i) Collecting the terms involving the small param-

eter in thefirst power and taking into account the vector
identity

AU = grad(divU) —curl(curlU), (6)
we come to the first-order subproblem,
oU = —20,p% + 0, U + 25,y
P 'g
arau(l) cot(ﬁ)arugl)__zaaugl)_cosgﬁ)u(el)%
r r
@ - _11
00Uy prasp
@, 25,0 1 .
+ + = —-=
V@rrus raruﬁ ran‘)Ur Wl
0,UY + 2 + 1o, U + DBy = o

t=0:uP =0 ¢W=¢ > MaPa(h);

mOQ
r— 0: U% <oo;

AGY = 0; 0

[ —» +00; V(p(l) 0;

r=ro 0 +870,¢% = ol (t);

1

[(re0:0 + £2(rod, 6% + 20,6 (p) =

[&%dw = o, Iz“’Pl(u)d(u) =0

1

9EM = u®: g uP 4+l Z05Us u rU(al) = 0;

~p™+2pv0,U - 10

0)(6 (1)+E(1)a” (0))
—%(2+AQ)E‘” = 0.
0

Here, A, is the angular part of the Laplacian in the
spherical coordinates.
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With regard to (5), the solution to set (7) can be pre-
sented in the form [4]

£, = 5 &P

ndQ

U 9,0 = 3 U (r OPA(W);

ndQ
UR(r9.1) = 5 UG (r, )05 Po(h); (8)
PO 8.1 = 3 pr(r OP(W):;

¢, 9.0 = 5 @ (r OP(W);

where
&M = Y an(S)exn(s;
j=1

() = ng% RO}

1 = O j
Uit = _;gaﬁ”%m

Dy
b, () 1.Jn(X(T) ))Dexp(gf)t)
Ug(r. 1) = z Ean(sﬁ”)
b (sg))% inX6"0) , X JnsaOX FTEXD(SY).

O iaxVro) n+1 ixProm N

2(S) = [+ 2n-D(2n+ D

0
\ O hn .
Na(L X015 0,0D(S)

+2(n=1)*(n+1)

N i (Xr0)
() =[2(n* 1) + (rox ")) .“
0 2x‘n” odne 1 (X ro)
hy W

e X1)0 5 Dn(S))

[
-1
O

OV et al.

by(SY) = 2(n2—1)

g 2 Jn+1(X(J) )D hnwﬁv .
0 x0r0 inxra) O 16800,,D4(SY)

04Dn(S)) = 25 +2(n- 1)(2n+1)%
r0

(2n+1)xPre 1n(xVro)
2 Jn+1(X(]) ro)

XS) —

+(n-1) (n+1) DZ

L 0r)’ Djn(x“) )DZDD
2

1
-0 (J) SN 1, iy’
O Oner(Xn ro)300N,(1, X5 )

S(wj)

) +2(n-1)(2n+ 1)—

lo
S}J’)V

_t
Nn(L, X1

D) = (8))°

2,
n»

+2(n-1)’(n+1)

QZ

4110r0
(1)

OXn n(X(J) 0)
2 Jn+1(X(l) o)

Here, éf) isthe root of dispersion relation Dn(é,”) =0

and Jn(x(‘) ro) isthe nth-order modified spherical Bessel
function of thefirst kind.

(iii) In the second order of smallness, the problemis
stated as

wﬁz%n(n—l)(n+2—W); W =

Pro

Na(T. X)) = T~

atU(Z) U(l)a U(1)+ U(l)asu(l) (Ugl))z
cot (9
= —F‘)arp(Z) DrzassU(Z) (2 )69U£2)

__arﬁu(z) Cot(ﬁ)a U(z) aU(z) COt(za)ng)%

r

0.Uf + U0, U + %u,%”aaus” +2UPUP

1
= _5—63p +v@nu(z)+ GU(Z)—FarSUEZH
arU£2)+%U52)+%63U‘(92) COt(S)U(z) -0
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t =0:U? =0
hz

r 22m+1

mEIQ

(m+1)h,h, ., .
1o 2 2mr Diem+3) (W

E(z) Po(H)

r—0: U? <oo:
Ag®? = 0;

= To. (p(Z) + E(Z)ar(p + E(E(l)) arr(pO)

r—+o0: Vo —0;

a“)a (p(l) — (pz)(t)
1
j[réarcp“) + 1o (red,, ¢ + 20,¢)
9)
# 1€V (100, 0%+ 20,6%) + (€7) e3¢

+ 200,06 + 0,6 B- 0,60, |d(w) = 0

1
[+ €Y = 0
2

1

[(2ro + 3E))Py (W) = 0

-1

-0&? + U +a,UPEY - Zua,E® = 0

%GSUEZ) +9,UP - U<2> Dlarsu‘”
—lzaeuil) +0,,Uy’ _rla,ug) + %Ufc,l)%(l)
Io 0 re
zgrlzaﬁu(l) U(l)——a U(lﬂasz(l) _ o
o 20
—p =52+ )50+ SED (L4 80)EY
0 0

_&[Zz(z)a” 90,6 + (5 Ho, ¢’
+0,,0%0,67 5 2(0,67)"+ (0,6")°
0
+20,620.0° + 283, 0%0,¢" + 0., <1)ar(p(0))}
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+2pvo,U? — (9, p(l)—2pv6”U(l))E(l)

(U]asz(l)

—2pvH asu‘”+ au‘”

|:'L2

Substituting solutions (5) and (8) of the zeroth- and
first-order subproblems into set (9) yields a set of sec-
ond-order partial linear inhomogeneous differential

equationsfor U? |, U, p®@, £@, and @f2.
To solvethis set, we apply thetime Laplacetransfor-
mation

+o00

(9 = [f(hexp(-Sdt = OLF ()]

f = {U®;UR: p@: £@: ¢?)
r ] ] 1] .

The second-order Laplace transforms are now
expanded into series in Legendre polynomials (thisis
possible, since the problem is axisymmetric) and in
their first derivatives with respect to the polar angle

[4. 71,

+00

U, 9.9 = S UR(r SP(W);
n=0

U 9,9) = zu<§3<r )05 Po(H);

£900,9) = Z & (S)Pa(W); (10)

¢7(r,9,9) = chz’(r S)Pa(W);

p(r. 9.9 = zp“)(r,S)Pn(u).

Let us take into account that the first-order projec-
tions of the liquid velacity field onto the unit vectors of
the spherical coordinate system are related by the con-
tinuity equation,

ugd(r,t) = n(n+1)%) ul(r,t)+= U(l)(r tp.

Then, set (9) takesthe form

(2 Oxmn
SUrn (1, S) - k ZD Kks Dm(m+1)'

x[8,UP(r, t)a, Ul (r, 1)]

+ z B<kmn+

k,mOQ

(K + K= 4) Qe ]
k(k+ 1)m(m+ 1)
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x O[US(r, )9, U5 (r, )] (12)
2(m 1)(m+ Z)kanl

Z Kk Dmm+ 1) LU (1 OUim(r, U]
k,mO

(2) \% (2)
= —56 PO S) +n(n+ 1= UG, S)

‘2’(r S) - UE?(r,S)% nz0;

U9+ ﬁrD[UE (1,99, U3 ]

k, mO

a kmn

+k %sz(m Dm(m + 1)

rop UR(r, 9,Ufn(r, 1]

kan
k(k + 1)D

Z ,m(m+ 1)% kann

x O[US(r, )9, U (r, )]

2 O ymn |:|1 (12)
¥ k n%gm(m+ 1)Brkmn k(kk+ T0r
x [UD(r, hHuP(r, 1)] = (2)(r S)

+v B, U, 9+ 20,08, 9) - arUEikr,sE;

n=1;

0,U2(r,9) + 2u(r, 9 - My 5 =

n=0; (13)

r—0U%<w; U <o; (14)

0@ (r,9)+ 2 20,02(r, 9) —n(n+ 1)@(r, S) = 0;
(15)
n=0;

r— +0:0,07(r,S) — 0; @2(r,S) — 0; (16)

r = o g2(r, ) - Qé”(S)

Q a7

-2 S MKimE O] = 67980

rOk,mDQ
n=0;

ZHAROV et al.

+1 4o

IZ[ 30:9(r,9)

—1n=0

S5 mme DK TE COENO] (9)
0 mOQ

—92 > Gk (kl)(t)Eﬁj)(t)]}Pn(u)d(p) - 0
0

mOQ

+1 40

21 1E2(9

Zin=

(19)
1 1 O

+ Y KB (O (OIP(WA(W) = 0;

k,mOQ O

+1 4+

X 2t (9
_in= O

(20)
O
+3 ) KimDE O O] PPy (W) =0

k,mOQ

2
_gog iy M 5 9
S (9 o s 2 2m+ 16n0 o

(m+ 1)h hm+1
8 m; 2m+1)(2m+3)°

n+tU2(r,9)

5 M merdoE 00U 01 @)

k,mOQ

20 kmn

B z m(m+ 1)r

k,mOdQ

OE Puiam] = o;
n=0;

UE?(r 9 +a,Uda(r,9) - (2)(r 9

5wt (00, UR(r. )

k,mOQ

3rkmn
Z m(m+ 1)

k,mOQ

+ Z E_kmn + 2rmkn -

kmOQ

——m_ O (1), Uia(r, 1]

2rkmn _ 2/\kmn
m(m+1) m(m+1)

= (22)
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«L0p M(Ha,u(r, )
Fo

2|_kmn 4/\kmn ]

+ — —_—

Z Hn(m+ 1) =M = 2 m(m+ 1)
Dg Dyu®(r,t)] =0; n=1;

I'0

—pP(r, 9) + S(n—-1)(n+2)EX(S)

0

22'S Kinn(k(k+ 1) = )IE POF(0)]

3
rOk,mDQ

2Q, (2 4Q )
811[ 0:0,°(r, S + —=-&,7(5)

%

ﬁ
Ok,mOQ

-2 S amlE POEY O]

—%2 z (10+ (k+1)(m+ 1) =2(m+ 1)(m+ 4))
rOKmDQ

X Ky ‘ﬁ’(t)&ﬁ?(t)}} +2pvo,U2(r,9)

Akmn e (1) @)
mm+ mﬂi k (00, Uprn(r, 1] (23)

+2pV Z %kmn_

k,mOQ

= 5 KimlE (00,pr(r, 1]

k,mOQ

1
—ZDVE) Z
k,mOQ

20 kmn

(1) (1)

2akmn O
Jn(m+1) ]

+2pv— Z

x OF (1)(t)U(1)(r )] = 0; n=0.

Here, coefficients Ky, Oy T iemns M &€ defined by
relationships

Omn = ~ChomoCrieymi~/k(K + L)m(m+ 1);

r — (2n+1) anmk .
kM T p(n+1)(2k + 1)’

_ no 2,

Kkmn - (Ck0m0) '
I_kmn'i'rmkn = Kkmn;
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[m/2]

_2n+1 0
Akm”_n(n+1)52m+1 nkm T Zankm 2]

/\kmn + /\mkn = (kan;

where Ciomo and Cp(yymy are the Clebsch-Gordan
coefficients.

(iv) Equations (19) and (20) entering into set (11)—
(23) will be solved first to find coefficients &2 (t) and

P (@),

(2) (1)

£2(t) ——r Y s ER )
mDQ (24)

(M*1) 0y (1),

(2)
(t) = Z (2m+ 1)(2m+ 3)

Now we find the potential of the surface of the drop
and the electrostatic field potential of near the drop
from set (15)—(18),

2) —
=935 = Eo); (25)
OmDQ
o2(r,S) = 0; n=0;
@9 = FA(©
rold
(26)
+2 S MK TE O] %’fg””,
Ok,mDQ

n=1.

Expressing velocity projection uffn)
tinuity equation (13),

USa(r. ) =

(r, S from con-
o +1)(r6 U2 5)+ 202, S))(
and substituting it into (12) yields

p(r,9) = —E2_(r’9,U?(r, 5) + 2ru?(r, 9))

(n+l)

* (0 Ui, §) 4 6r0, U, 9

+60,U2(r,5)) -pva,U?(r, s

_ Pl kmn (1) (1)
S g Y, 00,U8(r V)

kmOQ
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_ pakmn r2
) ZD 2k(k + Iym(m + 1)
x Op U(l)(r )0, U(r, 1)]

kmn

Z m(m+ 1)% kn k(k + 1)1

k,mOQ

x D[U(l)(r )0, U (r, 1)]
qkmn

Z m(m+ 1)5rkmn k(k + 1)D

x QU (r, HuL(r, 1)].

r

Finally, substituting the expressions for U(Z) (r, 9

and p? (r, 9 into Eq. (11), we arrive at a fourth-order
ordinary inhomogeneous differential equation for func-

tion U2 (r, 9,

(n=1)(n+2)7
O

4
+-0,—
rr r r I’2

% + a (n 1)(n+2) SDU(Z)(I’,S)

_n(n+1)

fkmn(rvs);
Frn(T, S) = mmtum(r 09, Uln(r, 1)]
; Amn_ [0 (1) (1)
e Dt g Ty U 00U (r(ztg)])
2 Oymn 910y @) &)
+rn(m+ 1)§rkmn k(k‘l‘l)D |:l[Ur (r t)arrrurm(r t)]
_4 Ayemn 11 ® ®
+m(m+1)%km” k(k+1)DrDD U8, 1o, usr, o]
20T, M0 (K + k= 20) 0]
Dn(m+ 1) k(k+1) *™ k(k+1)m(m+ 1)
2a m (M=1)Y(Mm+ 2
x—D[U(l)(r )9, U, 1)] —k(kil)( m(r%& 1 )

xr—lsm[u“)(r UL, 1)].

Homogeneous equation (29) has four linearly inde-
pendent solutions [8],

u2r,9 =", U@, 9 =

1. WSo.

1 1 /SO
Jnl:ll\/— |:|1

UE?(I’, S = Fynmﬁrm

u(r,s) =

(28)

ZHAROV et al.

where j,(2) and y,(2) are the modified spherical Bessel
functions of the first and second kind.

The Wronskian of set (30) is compactly written as
WB,n 11 1 D/_SD} D\/TS
T2y “Df D’ ”D[DD

= (qyr@n+1) ;r 1)\?;2,

and the partial solution to Eq. (29) can be writtenin the
form

(zx*)(r S = 1 v (- 1J,f(r)d

“2n+ DS J5

1 v 1 r n+3
+ (2n+ 1)%;5:—2_]’-[ f(T)dT
0

+(- 1)”?l anf’% Yol er(r)dr
vl /500 T jnD/_STDf(T)dT.

Y
NERATOS BT
Thus, the solution to Eq. (29) with regard to bound-
edness condition (14) has the form
u@(r,s) = A(Sr"™

+B (S) JnD/_SD"' U(2)( )( (31)

] I/n N
where A(S) and B,(S) are arbitrary constants.

Substituting (31) into (27) and (28) and employing
the recurrence relation [8]

S),

0yJn(X) = Jn+1(X)+ In(X); X=%f (32)
we find functions U2 (r, 9 and p2 (r, 9,
u@(r,9) = A(S) (-1
B.(S) 1 S, /S S
+n(n+1)F% 1””5{_% «/_”Mlgj: % %9
@)(*) @) .
n(n+1)( ro, U, (r,S) +2U,7 '(r,9);
P21, 9) = ~AS 2"
pPS

(2)( ) (2)(x)
n(n+1)(r () +2ru) (. 9)
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ANALYTICAL STUDY OF NONLINEAR VIBRATIONS

(2)(*) (2)(*)
+ (0 U 9 + 610, U, 9)

+60,U1,(r, 9)) —pva, U (1, 5)
_ p kmn
z m(m+ 1)

-3 +p1(;;1(’"“m+ 5700 U 00,Uf3, O]
kmOQ

rPOURr, 99, U 0] (34)

a mn
_k‘mz m(m+1)% kmn k(kk+l)|:|
xrO[UR(r, 99,U%(r, 1] - Z m(m+1)

Amn_ [py /@ S

X a—kmn +

(V) Substituting expressions (31)—33) into bound-

ary conditions (21)—«23) and taking into account (26),
(32), and recurrent relation [6]

2,jn(X) = jn_l(x>—%1jn(x),

we recast boundary conditions (21)—(23) in the form

An(S)To + Bn(S)J,H[FSrqj S ()
9(m+ 1)
2m+3 h

m+ 16nlg

2m+ 181m nO

Pl

mOQ

(2)(*) a
_rOUrn (r01 S)_ z E(kmn_ﬁg (35)

k,mOQ

2akmn

xF0E (D3 Um(ro 0] + 5 i

k,mOQ

xOF C(MUR(re t)]; n20;

2%1An(3)r3 +

/S O
"Jnmﬁrq]

Bn(s) 2 S
n(n+1)%(n —l)+\—)r%
/S j /S, o0

~ lo n+1D[ "'

Io
n(n+1)

(re0, U2 (1, 9) + 2r40,U2 (14, 9)
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+(n=1)(n+2)U"(r,,9)) -

Z r kmn

Lz oMM+ 1) (36)
xr50E () (redn Ua(ro, t) + 30, UL (1o, )]

- Z E_kmn + 2rmkn_

k,mOdQ

2rkmn _ 2/\kmn ]
m(m+1) m(m+ 1)

> 1

k,mOQ

2|_kmn

x ro0f (13, Ul (ro t)] - Chn(m+ 1)

4N
im0 K OV O

n=1;

_rkmn_zrmkn

A (S)r”ES+ 2—V(n 1)%

(/S 0, rfj D/_SDD
Dﬁ‘D °N “+1D[q]D

B (9HN-D)j,
a“)(S)

(rd, U™ (1o, 9)

n(n+ 1)

(2)( ) (2)(*)
(rov S)) ( n+ 1)( OarrrUrn (rO’ S)

+6r4d, U 1o, 9 =3n-1)(n+2)0,U" (1, 9)

r
-y m(m—"”)D[ U (10, D9, U (0, 1)
k,mOQ

* S0 U (10, D9, UM(ro. 1|

2k(k+ 1) rk 01 rm\' 0
kmn
m(m+ 1) D%rkm“ k(k + 1)D fo
e (37)
a
X D[U(l)(r01 t)a U(l)(r0| t)] % kmn k(kkrnl)g

x OIUD(ro, )UD(ro, )] T+ -
O pl’o

XS 2Kinn(k(k+ 1) ~1) + ((m(2n—2m-7)

kmOQ

+K(M+ 1) + 3) Ky + otyem) TIE P OED(1)] 2
[l



1576 ZHAROV et al.

a
gy 0 Uin(ro )

X Z DE (kl)(t)%(kmn

k,mOdQ

20
-2 U0l - 3 OE P

rom(m+ 1) e

D’ZV O 2akmn

_ Oy @
|:|2|]n(m+l) akm U (r01t)

_BKkmna PR (ro, t)%}; n>1.

The set of Egs. (35)—37) isaset of linear inhomo-
geneous algebraic equations for A (S, B.(9, and

&9 (9). Substituting the solution to first-order subprob-
lem (8) into this set, wefind, upon tedious cal culations,
the expression for coefficient €2 (S) in the form
E(Z)(S) - Z +Z°o kmn(Si Sil) gr?)
" D) )
k,mDQI,gzl(S_i _ég)Dn(S) (38)

n=2;

where

0SS, 59 = J’%xro) +(n—1)(3n+ 1)

Na(2n=1,X) 2n(n+1) g

Nn(LX)  Han+ 1)re®HrH

2(n+1)
Na(1, X)

roX Jn(Xro) OO

2 jnea(XroHt

n o3 jn(Xro)

X oL -n(n+1)————=

(2n+ Do Hd ( )rln(l, X)

+(n2—p)]

—Hxro)* +2(n+1)(n(n-3)-1) +

B1(2n +n-1)+1-n(n+2)—=

X 2(XTo) +4n(n—1)(n +2) = Xro((XTo)"

n(x 0) [( l)
n+1()(ro)D 3

==L ((n+ 1)(Xro)* + 4n(n—1)(n +2)

+2(n-1)(2n+1))- rYa(X")

n(n+1)
"L X)

~xrol(xra)” + 2(n-1)(2n + 1) LKy (4

(=1)"

2 Jn(x 0)
n+ r
Y 1(X O)Dxrg

Jn+1(Xro)

~(n=1)(xro) r3jn(xr)§

1o, &0, $9)ar + B3 Kan(n + 1

—(M=2)Kymp)

[(\kmn + (m_z)rkmn
X
U m

(9 con)rgxmn maY
o "ot —(m— 1)KkmrDD—

X 8 () (An(S)ro + b(SY)) +

[f]'(m 1)akmn

—((x9r )2+2(m—2)(m—1))Kkmn%”r—§aak(sﬁ))

<an(S9) + 1) + 2(m - 1) e

Na(N, X)
Na(1, %)

OX10) T T 2eu(S)P(S)
0

—2((xPro)” + (M=2) (M= 1)) Ky —

. (n+1)(m-2)
m(m+ 1)

+ 22 (40K +k—1) + (3+ k(m+1)
2rop

+M(2n—2M=T7))W)K i + Wl ) 21 (S)

» o (N X) 0 Ak 0
n( )+ ) CRomgm 1)~ <o

—(X9rp)" +

m(rr:Tl)Hq(n+ b

(Dn(s) wn)rOD Okrn O
Vv X |j]"l(r\'\"‘ l) kmr]

o )DELF‘Ek(S(Kl))bm(Sﬁf) me

m(m+ 1

O) E(kmn

+ 4n%Kkmn

J m+ 1(X(g)

(X(g)

- a(kmn

x br(SY) —

akmrEI n
mDZr

a (S a,(S9)

2 a n
(X(g) kmrH 2 k(il)

m(m+ 1)

%(kmn

XD 1) ) n akmnXm ) 0 h
rgbk(i (i)~ Zim(k+ 1 bn(S) Toak( )

a kmrD

@, O
kmU m(m+1)(X 0)

TECHNICAL PHYSICS Vol. 50 No. 12 2005



ANALYTICAL STUDY OF NONLINEAR VIBRATIONS

roX(kI Jk+1(Xk ro)SL m+1(X(g) ro)
2(k+1) . (xro) OO jm(xPro)
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It is seen that expression (28) has singular point S=
0 and aninfinite countable set of singular pointsthat are

defined from the conditions D(S) = 0 and S— & —

éﬁ’) = 0 and are simple poles. In addition, expression
(38) tendsto zero at S— . This allows one to apply
the Jordan lemmato the inverse Laplace transformation
for the left half-plane and the residue theorem. Eventu-
ally, the inversion formulatakes the form

(9) )

y+ioo

f(t) = Zim [ F(9ep(snds

y—ico

= 3 res(F(s))exp(S'D)),
j=1

(39)

where summation is over the roots of the equations
D(9=0andS-S" —s? =0
Employing formula (39) to calculate coefficient
&(9) gives
z +z°° kmn §1J) S(<|) glg)
1) 1) ) D]
kmOQl,g,j :1($w _§< _S’r? )a J)Dn($1] )

x exp(s) + GinfS
kmOQl,g=1 Dn(gp ﬁ)

x exp((S¢ + S));

where Sf,j) isaroot of dispersion relation Dn(Sf,j)) =0.

Substitution of expressions (40) and (24) into (10)
yields coefficient £A(9, t) in explicit form. Next, sub-
stituting the expression for £@(3, t) thus found, as well

g2t =

(40)

nz2,
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as the expression for coefficient EV(9, t) (which is
defined by expression (8)), into (4), we readily find the
explicit form of function &(8, t) and, thereby, of the
generatrix of anonlinearly vibrating axisymmetric drop
of a viscous incompressible conducting liquid as a
function of time and polar angle,

r@.1) =ro+ey Y an(S))exp(SV)Py(k)

n0Qj=1

aEm(gﬂl))aZm(gr?)) exp((gﬂ') + Sﬂg))t)

2m+1

+00
&
2 2

mOQl,g=1

98’ « < (M+Dag(S)agm. (S
Pl == Y T omeD(2m+ 3)

0 mOQl,g=1

x exp((S +

(41)

+o00

ROOP(W +ES Y

n=2k,mOdQ
s - 2230, 80, 89)
0 2 ()-8 -S)0Da(S)

g =1

+oo D) 9) ) (9
+ 3 oS+ 5SS (S + SR
lbg=1

exp(St)

Do(S + )

Passing to the ideal-liquid limit in expression (41)
(using the asymptotic representation of the modified
spherical functions at large values of the argument at
v — 0), weeadsily arrive at the expression for the gen-
eratrix of a nonlinearly vibrating charged drop of an
ideal liquid that was found in [9].

(4) Consider the case of a high-viscosity liquid,
when (vp¥?/(r,0)Y?) = 1 (thisinequality ismet, e.g., for
awater drop with acharacteristic linear size of lessthan
0.1 pm [10]). In this case, one may leave only the first
severa terms in the asymptotic representation of the
modified spherical Bessdl functions of thefirst and sec-
ond kind at small values of the argument [8],

] 3 Xn X2/2
In(x) = (2n+1)N %"4- 1'(2n+ 3)

2
(X’12) O .
SiZn+3)(2n+5) 0 X0

(2n-1)! x/2
( 1)n n+1%’ 1I(1 2n)

(42)

Ya(X) =

" . o
21(1-2n)(3-2n) 'O

X — 0.
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Eventually, we obtain
aga(S) Oh,

3(2n(2n(n + 2) + 3) + 3) roh.Sy .
“2(n=1)(2n+1)(2n+5)(2n(n+2)+3) v '
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D.(S)) O

_ (2n+1)(2n+5)(n—1)(2n°+4n + 3).
B 3(4n° + 8n%+ 6n + 3) ’
_ 3(4n° +8n° + 6n + 3)
" (2n+5)(n=1)%(2n*+4n+3)"

Ty

Now, dispersion relation Dn(S(ﬂj)) = 0 has only two
roots [4],

4 2
1) _ Vv v Mo,
S‘I) - _Tn—2+Tn—2 1_Bn_—n!
o o V) (44)
v v .
2) _ 0
§1 - _Tn_g_Tn_g 1_Bn 2n.
Mo Mo V)

If theliquid viscosity is so large that inequality v? >
Bnrgwﬁ holds, then the roots of (44) can be written in
the form [4]

2,2

ey
$11) D_Tan'%K}—D; 512) D_ZTnXZ-
0

(45)

It is not difficult to check that | | < |S? |; there-
fore, in expression (40), the terms involving the second

root S(f) rapidly decay with time. Thetime evolution of
an initially deformed drop is governed by the terms

involving the first root Sﬁl). Then, with regard to the
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above expansions for coefficients azn(Sf]j)), an(i")),
and bn(SP ), one readily obtains from (40)
2

u r
@4y = 0 2 2yTo
B0 =Y DeP TRk + Tl 5o

k,mOQ
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n-1)(2n(n+2) + 3)

2
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x 2 2 2
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In the adopted approximation, expressions (24) with
regard to (8) can be written in the form

2.2
hrm
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Minimal number of the roots of the dispersion relation that should be taken into account to provide a satisfactory convergence

of the series expressing nonlinear correction Eff) (t) to the profile of the drop at k = m= 2 and different dimensionless viscosity
v, Rayleigh parameter W, and number n of anonlinearly excited mode.

n=2 n=4
\Y)
W=0 W=2 W=3 W=35 W=0 W=2 W=3 W=35
0.02 16 12 9 6 48 28 22 18
0.03 10 8 7 5 30 18 12 10
0.05 8 6 5 4 16 10 8 6
0.07 6 5 4 3 12 8 6 4
0.1 4 4 3 3 10 6 4 4
0.2 3 3 3 3 6 4 3 3
0.5 3 3 3 2 4 3 2 2
15 2 2 2 2 3 2 2 2
20 2 1 1 1 3 2 1 1
1262 liquid. It seems that, in a low-viscosity liquid, energy
X XD T 1Be 1 o 't transfer from amode governing the initial deformation
v

Interestingly, the accuracy of asymptotic expression
(46) depends on parameter W: as W approaches the crit-
ical Rayleigh value, the accuracy of (46) rises. Thisis

because (46) isvalid only if v2> B,raw: (see(44)), and

when W approaches a critical value, coﬁ decreases rap-

idly. It then becomes appropriate to use relation (46) in
studying mechanisms making the drop unstable against
its self-charge when W differs little from a critical
value. This is especidly true if one takes into account
that relation (46), like expressions (40) and (41), isalso
valid at supercritical values of the self-charge (W > 4).

(5) Numerical simulationswith the use of (40) inthe
dimensionless variables such that p = 0 =r, = 1 dem-
onstrate the different convergence of the sums over the
roots of the dispersion relation at various values of lig-
uid viscosity v, Rayleigh parameter W, and number n of
the mode excited in the second order of smallness. In
particular, at alow liquid viscosity, the roots of disper-
sion relation D,(S) = 0 are closely spaced; therefore,
summation should be over alarge set of the roots (see
the table). If the liquid viscosity is high, one may take
two or even one root of the dispersion relation (see
Sect. 4). It aso follows from the table that an increase
in Rayleigh parameter W improves the convergence of
series (40).

Comparison of coefficients Eﬁ,z) (t) for alow-viscos-
ity liquid, when the dimensionless viscosity is low,
(vpY?/(r,0)Y?) < 0.01 (such acondition is met, e.g., for
awater drop with ry = 100 pm), and for an ideal liquid

[9] shows that, in the former case, coefficient Eff) ®
may be noticeably higher (Fig. 1). Thismeansthat non-
linear mode interaction is enhanced in a low-viscosity

TECHNICAL PHYSICS  Vol. 50
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to that nonlinearly interacting with the former proceeds
not instantly (at the zero time) but takes some finite
time, unlike in an ideal liquid. The amplitudes of non-
linearly exciting modesfirst grow (within several vibra-
tion periods) and only then exponentialy decay
because of viscous energy dissipation (Fig. 1a). Inlow-
viscosity liquids, the damping of vibrations occurs in
an oscillatory manner (Figs. laand 1b); in high-viscos-
ity liquids, this process is aperiodic (Fig. 2). “Long-
term” (over several vibration periods) energy transfer
from an initially exited mode to a mode nonlinearly
interacting with the former is typical of only low-vis-
cosity liquids. even in moderate-viscosity liquids
(Fig. 1b) and a fortiori in high-viscosity ones (Fig. 2),
energy transfer occursinstantly, asin an ideal liquid.

The characteristic spindle-shaped form of the enve-
lope of the oscillating curve in Fig. lais explained by
the following factors: (i) the energy is transferred from
the mode governing theinitial deformation to that non-
linearly excited in the second order of smallness,
(i) the amplitude of the initial deformation exponen-
tially decreases with time because of viscous dissipa
tion, and, consequently, the energy transferred to the
mode excited by nonlinear interaction alone aso
decreases; and (iii) the amplitude of the mode nonlin-
early excited in the second order of smallness decays
too. The sum of the first- and second-order amplitudes
will exponentially decrease with time, asisseenin Fig.
3. Yet, the fact that the nonlinearly excited modes grad-
ually build up alows one to imagine real physical
mechanisms underlying nonlinear interactions between
modes of avibrating drop with a nonzero viscosity.

For aviscous drop with W < 4, when the fundamen-
tal mode and, hence, the drop are stable against the self-
charge, expressions (40), (41), and (46) specify alaw of
recovery of the drop equilibrium shape (Fig. 4a). From
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0 10 20 t
(b)
0.8

0.6

0.4

0.2

0

-0.2r

—04 1 1 1 1
0 2.5 5.0 7.5 t

Fig. 1. Dimensionless coefficient Eﬁz) for the fundamental
mode vs. dimensionless time t for the single-mode initial
deformationatk=m=2,n=2,W=1, andv =(a) 0.01 and
(b) 0.1. The solid lines are plotted using expression (40);
dotted lines, using the expression valid for an ideal liquid.

(40), (41), and (46), it follows that the amplitudes of
modes specifying theinitial deformation, aswell asthe
amplitudes of nonlinearly excited modes, exponentially
decrease with time, the indices of the exponentias
growing with increasing mode number.

At 4 < W < 5, when the fundamental mode (n = 2)
loses stability and higher modes do not, the time evolu-
tion of the shape becomes more complicated. The indi-
cesinvolving the fundamental mode frequency squared
change sign (because, at 4 < W< 5, so does squared fre-

quency ), and the corresponding term starts expo-

nentially increasing with time, whereas the rest of the
components in expressions (40), (41), and (46) con-
tinue decreasing (Fig. 4b). After alapse of time, theini-
tial deformation disappears and the shape of thedrop is
specified by the fundamental mode growing with time;
that is, the drop evolvestoward a prolate spheroid. Such

ZHAROV et al.

2
£

0.4

0.2

0 10 20 30 t

Fig. 2. Dimensionless coefficient Eﬁz) vs. dimensionless
timetfork=m=2,n=4,h,=1,v=1,andW: (1) 3, (2) 3.8,

and (3) 3.9. The solid lines are plotted using expression
(40); dotted lines, using asymptotic expression (46).

1 2
&) +eg)

0.8

-04F

-0.8r

-12 1 1 1 1
0

Fig. 3. Linear superposition Ef]l) + séff) of the first- and

second-order solutions for the dimensionless amplitude of
thefundamental modevs. dimensionlesstimetatk=m=2,
n=2 W=1,v=0.02 and € = 0.3. The curves mean the
sameasinFig. 1.

a process (extension of a charged drop of a conducting
liquid as a result of fundamental mode amplitude
buildup) can be terminated for two reasons. Oneisfield
emission of charges when the self-charge field at the
vertices of the drop, which grows with radius of curva-
ture at the vertices, becomes sufficiently high (as was
described earlier [10]). The other reason is disintegra-
tion of the drop into two parts comparable in size [11].
The fundamental mode becomes unstable irrespective
of whether it enters into the spectrum of modes speci-
fying the initial deformation, because this mode is

TECHNICAL PHYSICS Vol. 50
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2
£

(a)

Fig. 4. Dimensionless coefficient Eff) on dimensionless
timetatk=m=3, h3=1,v =0.1, and variousn. Thefigures

by the curves coincide with numbers n of excited modes.
W =(a) 3and (b) 4.01.

excited in the second order of smallness at any form of
theinitial deformation through nonlinear interaction 3,
12, 13].

Inahigh-viscosity liquid drop, when the dimension-
less viscosity is large (vpY?/(r,0)Y?) = 1), the damping
of nonlinearly excited modes that are stable against the
self-charge is an aperiodic process (Figs. 2 and 5).
Then, if the fundamental mode of a high-viscosity drop
is unstable and the rest of the excited modes are stable
against the charge of the drop (Fig. 5), the amplitude of
the fundamental mode will grow with time and the drop
will extend, taking the shape of a spheroid. However,
unlike a drop of an ideal liquid, a high-viscosity drop
will extend rather slowly and the rate of its deformation
will decrease, rather than increase, with increasing
eccentricity [14] (see Fig. 5 and 6). In this case, asfol-
lows from detailed analysis, the rate of growth of the
unstable fundamental mode, which initially depends on
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3
1.2+
1.0+
0.8} 2
0.6
04f [ ®
o2l S 6 ~~~~~
0 § ‘-—~~...~_____________“_‘ .....................
0
-0.2 1 1 1 1
0 2 4 6 t
Fig. 5. The same dependences asin Fig. 4b forv = 1.
3
1
2 -
2
1F
3
i 1 1 1
0 0.5 1.0 1.5 t

Fig. 6. Dimensionless coefficient Eﬁz) for the fundamental

modevs. dimensionlesstimetatk=m=4,n=2, W=4.01,
and viscosity v = (1) 0.05, (2) 0.1, and (3) 1. The solid lines
are plotted using expression (40); dotted line, using expres-
sion (46) forv = 1.

supercriticality AW of the Rayleigh parameter for the
fundamental mode, first decreases for some AW-depen-
dent timeto avery small value, remains constant for the
timeinversely proportiona to AW, and then startsrising
following a near-exponential law with the rate of rise
inversely proportional to theliquid viscosity. At asmall
supercriticdity of the Rayleigh parameter (AW ~ 0.001),
the evolution curve for the unstable fundamental mode
exhibits aplateau (Figs. 5 and 6), where the fundamen-
tal mode amplitude varies insignificantly. Physically,
this means that an unstable high-viscosity drop with
AW and v mentioned above rapidly (for atime interval
close to oscillation period T, of the fundamental mode
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of an uncharged drop) acquires a spheroidal deforma-
tion ~¢, remains so for atime interval =10T,, and only
then continues to elongate with an increasing rate.
Recall that the time dependence of the spheroidal
deformation amplitude for an unstable drop of an ideal
liquid is supraexponential [14]. With low viscosity
taken into account [15], the unstable drop evolution
pattern changes only quantitatively.

If parameter W liesin therange5 < W< 6, the third
mode (n = 3) also becomes unstable. However, whether
theinstability of the third mode will contribute to sphe-
roidal deformation depends on whether thismodeisin
the spectrum of modes specifying the initial deforma-
tion or in the spectrum of modes excited by nonlinear
interaction. According to (46), if the third mode is
absent in both spectra, it will not influence the drop’s
shape (provided that thermal vibrations of a vanish-
ingly small amplitude, which are always present in the
drop due to the thermal motion of molecules, aredisre-
garded).

CONCLUSIONS

Nonlinear vibrations of viscous drops can be studied
analytically using classical asymptotic methods. In the
limit of large viscosity, the resulting analytical expres-
sions are fairly compact. The time evolution of nonlin-
early excited modes shows that, in a low-viscosity lig-
uid, the energy transfer from a mode specifying theini-
tial deformation to a nonlinearly excited mode occurs
not instantly but takes several vibration periods, unlike
in an ideal or high-viscosity liquid. Such a mechanism
of energy transfer to a nonlinearly excited mode pro-
videsit with more energy and was unknown previously.
When a high-viscosity drop bearing a charge dightly
exceeding the critical value for the fundamental mode
becomes unstable ((vpY%/(r,0)¥?) = 1), the growth of
the spheroidal deformation amplitude differs apprecia-
bly from that predicted earlier for an ideal or low-vis-
cosity liquid.

ZHAROV et al.
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Abstract—Second-order cal culations show that, when a gas flows about a charged drop, the fundamental mode
of the multimodeinitial deformation of itsequilibrium shape builds up through nonlinear secondary Raman res-
onant interaction with higher modes if this mode is present in the mode spectrum specifying the initial defor-
mation. This circumstance accounts for large-amplitude spheroidal oscillations of dropsin natural liquid-drop
systems and provides an insight into corona initiation in the vicinity of drops in thunderstorm clouds and into

lightning initiation. © 2005 Pleiades Publishing, Inc.

(1) Charged drops moving in an environment arethe
object of much investigation, since they are frequently
encountered in various fields of technology (see, eg.,
thereviews[1-3] and Refs. cited therein). For example,
cumuli causing thunderstorms consist of numerous
charged water drops, which are suspended in air owing
to ascending flows counterbal ancing the weight of the
drops. Studying the electrohydrodynamic stability of
their charged surface is also expected to shed light on
the physical mechanism of lightning initiation [4, 5].
According to the present-day concepts, streak lightning
arises from a corona discharge initiated by an intrac-
loud electric field near a coarse drop or water-covered
hail fredly faling in athunderstorm cloud (see, e.g., [6, 7],
where critical conditions for coronainitiation near the
top of a drop nonlinearly vibrating in a cloud are ana-
lyzed). However, the maximal self-charge of drops and
maximal electric fields measured in thunderstorm
clouds[8] are much lower than those causing instability
of the surface of the drops against the self-charge or
induced charges [9, 10]. The measured values of these
parameters may initiate a coronadischarge near the top
of thedrop only if the spheroidal vibration amplitudeis
very high [6-8].

To date, not much has been known about the physi-
cal mechanism of lightning initiation near a drop in
clouds (in spite of much effort made in this field). It
seems that, when studying the instability of the drop
moving in an environment against its self-charge,
researchers overlook some important factor. This may
be interaction of the drop with a flowing medium. For
real velocities of drops, the flow around the drop can be
simulated by an incompressible liquid. The real liquid
model assumes that the velocity field at the interface
experiences atangential discontinuity, which resultsin
the vibrational instability of the interface (Kelvin-

Helmholtz instability for the planar interface between
immiscible incompressible liquids [11, 12]). Kelvin—
Helmholtz instability radically changes the physics of
interface instability; specificaly, it loosens the critical
conditions for instability of the drop against the self-
charge[9, 10]. In thiswork, we study the nonlinear res-
onance redistribution of the initial deformation energy
among the modes of a nonlinearly vibrating drop
placed in alaminar flow and analyze critical conditions
for interface instability in such a system.

Thenonlinear vibrations of acharged dropin aflow-
ing environment were studied previously [13]. How-
ever, the resulting expressions, being very awkward,
were analyzed only numerically and the point of reso-
nant energy exchange between the modes has not been
touched upon. Degenerate nonlinear resonances in the
system studied were considered in [14], where it was
found that such resonances transfer the energy only
from lower to higher modes. Reverse energy transfer is
typical of multimode Raman resonances[15, 16]. How-
ever, for a charged drop placed in an ideal insulating
incompressi ble medium, the lowest mode that could be
excited in three-mode secondary Raman resonances is
the third mode [17, 18]. The resonant buildup of the
fundamental mode, whichisof particular importancein
elaborating a mechanism of lightning initiation [4-6],
was found only in nonlinear four-mode Raman reso-
nances [16]. However, the fundamental mode discov-
ered only asathird-order effect intermsof initial defor-
mation amplitude [16] turned out to be very weak and
so could not explain real observations [19, 20], where
the spheroidal vibration amplitude of drops falling in
the atmosphere exceeded half the drop’s radius.

(2) Let an ideal incompressible insulating medium
of density p, and permittivity ejoccupying aninfinitely

1063-7842/05/5012-1583$26.00 © 2005 Pleiades Publishing, Inc.
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large volume flow with constant velocity U, about an
immobile drop of an ideal incompressible perfectly
conducting liquid of density p;. The radius of the drop
is R; the surface tension coefficient at the interface, o;
and the total charge of the drop, Q. We assume that, at
the zero timet = O, the equilibrium (spherical) shape of
the drop experiences virtual axisymmetric deformation
of finite amplitude that is, however, much smaller than
the radius of the drop. At the zero time, the flow veloc-
ity field in the drop is taken to be identically zero. We
are interested in nonlinear oscillations of the drop at
t>0.

To simplify the mathematics, we introduce dimen-
sionlessvariables such that R= o = p; = 1. Then, inthe
spherical coordinate system with the origin at the center
of mass of the drop, the equation for the interface dis-
turbed by the axisymmetric capillary wave motion has
theformr =1+ (0, 1), || < 1. Theliquid flow in the
drop and environment is assumed to be potential; that
is, the flow velocity fieldsin the drop and environment
aregivenbyV =Vy(r,t) and U = V¢(r, t), respectively.

Mathematically, the problem of nonlinear oscilla
tions of the interface in this system is described by the
Laplace equations for velocity potentials Y(r, t) and
¢(r, t) and for electrostatic potential d(r, t) [6, 7, 13—
16],

AD(r,t) = 0; AY(r,t) = 0; Ad(r,t) =0,
subject to the boundary conditions
r —0: g(r,t) —0;
r —o: ®(r,t) — 0: Vo(r,t) — Uy;

= 1eg 08 - 00 10YOE

ot _ or 20000’
Oy _10Wo¢ _ 0p 1008

ar (20000 or 20000’
op 1
S S(V) + Pt PP,
= _ 90 Prysy2 :
_ & (VO)°, oo _
Pe = e Py, = divn;  ®(r,t) = P(t).
%f = 1+£(0,1)
—8—*f(n [VP)dS=0; S=[P<O<T
4Tt
S EpsﬁsZn;
%05r51+§(e,t)
Irzdrsinededﬁ - gn; V, = 0<0<m
A Epsf)sZn;
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t=0:§(0,1) = Eopo(U)"'Sz hiPi(u);

0=

h?
&= _SZ_DZ(m Tt o(?).

Here, € isthe initia deformation amplitude (the small
parameter of the problem); P,(l) is the ith-order Leg-
endre polynomial (m= cos(6)); P;, and P, aretheinter-
nal and external pressures (inside and outside the drop),
respectively; Pg isthe pressure of the self-charge of the
drop on the interface; P, is the Laplace pressure; n is
the unit positive normal to the surface of the drop; ®4(t)
is the electrostatic potential that is assumed to be con-
stant over the surface; p = p,/p,; hy are the coefficients
that specify the partial contribution of an ith vibration
mode to the total disturbance; = is the set of the num-
bers of initially excited vibration modes specifying the
initial deformation of the drop; and &, is the constant
that is found from the condition that the volume of the
drop remains constant at the zero time. The hydrody-
namic vel ocities are assumed to be much lower than the
speed of an electromagnetic signal in a vacuum,
because of which the Maxwell equationsfor theelectric
field near a nonlinearly vibrating drop are reduced to
the electrostatics equations.

Along with the initial and boundary conditions, we
should include the stationary condition for the center of
mass. If the characteristic linear dimensions of the sur-
rounding medium are sufficiently large, this condition
is fulfilled automatically, as follows from [21], and the
amplitude of the translational (first) mode, as well as
the amplitudes of higher modes, should be calculated
based on boundary hydrodynamic conditions at the
interface.

(3) The problem thus stated will be solved in the sec-
ond-order approximation in small parameter € using the
asymptotic method of many scales. According to this
method, desired functions Y(r, t), ¢(r, t), and d(r, t), as
well as envelope &(6, t) of the shape of the drop, are
considered to be dependent not on standard time t but
on many time scales T,,, = €™, which reflect the pres-
ence of fast and slow processes in the vibrating system.
Analytical expressions for (6, t), Q(r, t), ¢(r, t), and
d(r, t) will be sought as asymptotic expansionsin Leg-
endre polynomials,

£(0,1) = Z g™ (0, Ty, Ty, ..0);
m=1
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W(r,t) = Z "™ (r, 8, Ty, Ty, ..);

m:l (2)
o(r,t) = Z g0 (r, 0, Ty, Ty, ...);
o(r,t) = Z e"d™(r, 0, Ty, Tq,...);

where

E7(0.To, Ty o) = 3 M (To, T, ) Po(h);
n=0

[

W™ (r, 8, Ty, Tyy...) = Z EM(To Ty, .. )r"PL(H);

n=0
A (3)
o™(r, 0, Ty, Ty,...) = Z G™(To, Ty, . " P(W);
n=0

o™(r, 8, Ty, Ty,...) = S FO(To Ty, ) " PL(1).
n=0
With regard to many time scales, the time deriva-
tives will be calculated by the rule
9.0 ,. 9
ot 0T, aTl
Substituting expansions (2)—(4) into statement (1)
and equating the terms of the same order of smallness

to each other in each of the equations, we easily arrive
at a set of zeroth-, first-, and second-order subproblems

for unknown coefficients M"™ (To, Ty, ...), EM™ (To, To,
), G (Ty, Ty, ...), and FU™ (T,, Ty, ...) appearing in
(2) and (3).

Below, we will restrict our calculation to coeffi-
cients M ﬁ]m’ (To, T4), which specify the shape of the non-

linearly vibrating drop as a function of time. The other
coefficients in expansions (2) and (3) are easily, while

awkwardly, expressed through M{™ (T, T,) [13].
(4) In the first order of smallness in €, unknown

coefficients MS) (To, Ty) are found from the infinite set
of coupled differential equations

y=0; MP(T,, Ty, ...

+0O(g%). (4)

M (To, T, .. ) =0;

n=2: AMY(Ty, Ty, .00)

M4(To T, ), O°M (T, Ty, -..)
& 0T, oT;
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c My (To Ty, )
N T,

) = 0;

+0PMY(T,, Ty, ..) +

+D, MY (T, Ty, ...

9 n“(n—1)(n—2) .
An = ZWeX(N G =3y 2n=1)

: ngWenx(n); ©

n(2n+1).
S JpWex(m 2,

9 n“(n+1)(n+2).
= 2V 3 2n+s)

O
B
|

W = X(ME(=1)(n+2-W)

In’((2n+1)(n°-1) +3)
2(2n-1)(2n+1)(2n+ 3)U

QZ 1
" ame,’ x(n)—%l pn+1D'

-We

we=pU;; o =0.

It is easy to seethat, putting U, = 0, we split set (5)
into uncoupl ed second-order differential equationswith
constant coefficients that describe the harmonic oscilla-
tions of the modes (as was done earlier in [17, 18] for
the vibration of a charged drop of an incompressible
liquid that is at rest in an incompressible insulating
medium). Thus, the motion of the surrounding medium
causes mode interaction linear in small parameter €.
According to (5), an nth mode interacts with the four
nearest, (n — 2)th, (n — 1)th, (n + 1)th, and (n + 2)th,
modes. Earlier, first-order interaction between the
modes was found for the planar interface between
immiscible ideal incompressible liquids, one of which
executes trandational mation along the interface
[11, 12],i.e, inthe situation when theinterfaceis prone
to Kelvin—Helmholtz instability. It was shown [10] that,
when an ideal liquid flows around the drop, its surface
starts vibrating, which istypical of thistype of instabil-
ity.

One more linear effect showing up when an ideal
liquid flows around the drop is noteworthy: according
to[9], the drop flattens along the flow, taking the shape
of a spheroid with an eccentricity depending on the
flow velocity and charge of the drop. In this case, the
drop is expected to vibrate about the spherical (equilib-
rium) shape. However, the spherocity of thedrop at rea
sonable velocities (i.e., as long as the encircling flow
remainslaminar) is, asarule, small. For example, when
air with density p, = 0.001 g/cm3 flows around a drop
of radius R= 100 um with velocity U, < 100 cm/s, sphe-
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roidal deformation amplitude M$" = (3We/16) isneg-  where
ligible and can beignored in second-order calculations.

(5 Second-order corrections (i.e., coefficients G, = %<m | n%n[l(l +1)-1] + WD[I(m+ 1)
M?) are found from the set of coupled inhomoge- o 2

neous harmonic differential equations
™ n(9m’ +9m—7)

(2m-1)(2m+ 3)U

-m(2m-2n+7) + 3] + We

Z 1 1) 2
MA(To) = § 5==——=(MP(T));
n222n+1 +Wia,, ,+We on(n—1)

@ 2 4(2n-1)(2m+1)
(2) aMn—l(TO) 2 2
2(To) *+ By 0T, x[M(M=1)"Ky_ 1 nor—=(M+ 1) (M+2)K 101
6
*MP(T,) @ © —(M=1)0p g1+ (M+1)0 g4 noa]
to TeMa(To) on(n+ 1) ,
TO +WC(4(2n+3)(2m+ 1))[(m+1) (m+2)Km+1,I,n+l
IMZ (Ty) @ , 2
+Cna—-|-0 + DaMiia(To) = X(N) Fo(To); n21 —mM(M=1)"Kp g ne1=(M+1)000 11041
ith bound ditions. Inh ity f +(m-1)a ] - We——t_
with zero boundary conditions. Inhomogeneity unlc- m—1,1,n+1 8(2m+ 1)
tions f(T,) are determined through coefficients M( )
which are solutions to set (5), as follows: m(m— 1)K L (m+ 1)(m+2)K 0
[ 2m+1 mohe 2m+3 m”v'd%
fu(To) = Y zz@M(”(To)M‘”(To)
mo=iozH G =W99nm(m+1)
,=We—m——2
MO (TIMP(Te) ML (TIMP(To) Aam= 1)
m+
+Gz 2m-1 2m+ 3 O >([(m_:l-)(m'i'Z)Km+l,l,n_m(m+5)Km—1,l,n]a
9
+ 6. 0Mnl(To) MMy (To)y Gy =Wegn[(m+1)(I + 1)Ky 0+ Ayl
0 2m-1 2m+3 0
(1) (1) G =‘_1Ci”
y M 1(To)_|M|+1(To)D 473U’
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RO Mint 1(To)IM(To)
“I1+10 2m+3 0T, -
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(m_l)am—l,l,n (n_l)am,l,n—l
(n+1)(2m+1) (m+1)(2n-1)
(n+1)am,l,n+1 (n+1)am+l,l,n|]
(m+1)(2n+3) (n+1)(2m+1)C

Gg = /pWe 3n

2(n+1)(2m+1)

x [(M+2)% M+ 2)Kpny 1 n—M(M=1)*K 11

_(m+ l)am+1,l,n + (m_l)am—l,l,n]v

Go= /pWegnm(m + DKoy

O min = —/m(m+ 1)1(1 + 1) Cro1oCrn_111;
KmIn = [Cnm%lo] 2;

and C%,, and CIY_,,, are the Clebsch-Gordan coeffi-
cients.

The presence of the Clebsch—Gordan coefficients
makes the number of inhomogeneity functions f(T,)
that are not identically zero finite. For example, if an
mth mode is initially excited, the Clebsch—Gordan
coefficients (and, hence, the inhomogeneity functions)
with numbers from 0 to 2m + 2 will be other than zero.

(6) In our consideration, emphasis is on the nonlin-
ear vibration of large water drops in thunderstorm
clouds. Let, for definiteness, R= 100 ym; then, the free-
fall velocity of such adrop inacloud is U, =72 cm/s
and its associated Reynolds number is Re = 9.61 [22].
This meansthat the air flow around the drop islaminar;
hence, the conditions that were set in stating the prob-
lem are fulfilled. The Weber number for this drop is
very small, We = 0.7 x 103, Dimensionless density p,
which enters into expressions (7) and (8) defining the
inhomogeneity functions, has the same order of magni-
tude. In sets (5) and (6), coefficients A, B,,, C,, and D,
involve the Weber number and its combination with

dimensionless density p in the form /pWe. Coeffi-
cients G; entering into definition (7) of the inhomoge-

neity functions contain We, p, and ./pWe asfactors. As
is evident from the aforesaid, quantities We, p, and

~pWe are of the same order of magnitude (thisfollows
from the fact that dimensionless velocity U, of the drop
is on the order of unity for those values of physical
guantities adopted in this paper); so, they will serve as
parameters in asymptotic expansions of solutions to
sets (5) and (6).

In our problem, dimensionless Rayleigh parameter
W characterizing the stability of the drop against its
self-charge may vary between 0 and 4. According to
[8], self-charges of drops in thunderstorm clouds are
small: for maximal values of the Rayleigh parameter,
they are no higher than several tenths. Yet, parameter W
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in asymptotic calculations will be viewed as a quantity
of zeroth-order of smallness.

(i) To be definite, we assume that the initial defor-
mation of the drop is specified by a superposition of jth
and kth modes with j >k, |j > k| = 4. Then, in the first-
order approximation in We, p, and /pWe, solutions to
set (5) with the boundary conditions

oM
— A @D R @ _ . .
T, = 0: Mj = hj, My’ = hy; 6TJO = 0;
M _ o o — o M
0T, ' n T aT, ’
nzj; nzk
have the form
D,_,h
M) o) = —22-2[ c0S(WpeTo) — COS(Wy_,To)]
Og_wg—z
C,_;h,w
(1) _ -1 ()
M-y = 55—
Og_wg—l

), . .
<[~ 22 sin(y 1To) + sin(wgTo) |
Wy_1

M = hycos(0a,To);

M@ = BgraNgg ©)
(g+1) 2 2
g+1— wa

W, . .
X [—“Qisn(wgu-ro) + Sn((’oOgTO)}
g+ 1

Ml - Ag+2hg
(9+2) 2 2
g+2_(‘)0g

x[cos(wy.,To) —cos(weyTo)l; 9 = J, k.

Frequencies w, are found from the equation

W = X(ME(=1)(n+2-W)

(10)
9n*((2n+1)(n°=1) +3)
2(2n-1)(2n+1)(2n+ 3)U

which has the meaning of the dispersion relation of the
problem that is written in the approximation linear in

We, /pWe, and p without taking into account mode
interaction. Such an approach is valid, since the influ-
ence of mode interaction on the dispersion relation for
the tangential discontinuity at the interface shows up in

the second-order approximation in We, ./pWe, and p.
Freguencies w, are found from Eqg. (10) at We = 0.

—-We
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Thus, at |j — k| = 4, four modes ((g — 1)th, (g — 2)th,
(g + Dth, and (g + 2)th) are excited near a gth mode
(g =] or k) entering into the mode spectrum that speci-
fies the initial deformation. Such a situation is due to
hydrodynamic interaction at the interface where the
velocity field experiences a discontinuity. However, the
amplitudes of these modes will have the first order of

smallnessin variables We, p, and ./pWe. If the condi-
tion |j —k| = 4 isnot set, the form of solutionsto set (5)
will change insignificantly because of its linearity: the
solutions will represent linear combinations of the
functions appearing in (9).

(i) Using solutions M, we will write expressions
for inhomogeneity functions (7) appearing in set (6).
Taking into account the order of smallness of the modes
specifying theinitial deformation and also of the modes
excited via linear interaction due to the tangential dis-
continuity, one can easily seethat the modes specifying
the initial deformation of the equilibrium shape of the
drop play a major role in nonlinear (quadratic in €)
interaction. Recall that the main goal of thisstudy isto
see whether the fundamental mode can be resonantly
built up by absorbing the energy of higher modes
involved in the initial deformation. Therefore, below,
we will analyze the solutions to sets (6) and (7), ignor-
ing mode interaction due to a tangential discontinuity
of the velocity field at the interface. In this case, the
infinite set of coupled inhomogeneous equations (6)
and (7) will turninto aset of uncoupled inhomogeneous
harmonic equations with zero initial conditions for all
the modes and inhomogeneity function (7) written in

the zeroth-order of smallnessin We, p, and /pWe will
simplify greatly. Actually, the resulting set of equations
will describe the nonlinear vibrations of a charged
immobile drop in a medium. A solution to this set was
found earlier [17, 18]. The presence of the encircling
flow will show up merely as a change in the vibration
frequency, which can be found from dispersion relation
(10). Eventually, in the quadratic (in small parameter €)
approximation, corrections to the envel ope of the shape
of a nonlinearly vibrating drop will have the form
[17, 18]

hbhm, .+ -
M (To, T) = = 5 =5 (Al + M) c0s(@, To)
I,mO

hbhm,, +
+ 5 SR meos((@ + W) To)

I, mO=
+ M €0s((03 — W) To)),
Ao = (Vi £ W@ i)/ (003 — (00 £ @)7),
Yorin = XnKmin(@a(N—m+ 1—pn(n — m—1)/(n+ 1))
ron(l(l +1)=1) + (I(m+1) (1)

GRIGOR’EV

-m(2m-2n+7) + 3)nW/2)
+ Xnlmn((1/M+np/((n+ 1)(M+ 1))@y, + NW/2),

r]mln = (XnKmIn(n/Z_m"' 1
+pn(2m+ 3-n)/(2(n + 1)) + (XnOmin((1 + n/(21))/m

—np(n+ 21 +3)/(2(m+ 1)(I + 1)(n+ 1))).

(7) It is easy to check that, if the relationship w} =

(W £ wy)? is valid, the denominators of some of the
terms appearing in solutions (11) vanish and expres-
sions (11) diverge; in other words, the second-order
corrections become asymptoticaly invalid. In the the-
ory of nonlinear oscillations, such a situation is treated
as a resonance situation and should be analyzed sepa-
rately using other mathematical means [16-18]. Physi-
cally, the resonance situation means that a wave with
frequency w, vigorously exchanges energy with two
waves with frequencies wy,, and wy (the case of second-
ary Raman resonance) or, at m = |, interacts twice with
the wave of frequency w,, = w (degenerate resonance)
[16-18]. It was shown previously [14] that, when
degenerate resonant mode interaction occursin the sys-
tem being considered, the energy is transferred only
from lower to higher modes. In the case of secondary
Raman resonance, the energy may be transferred in the
reverse direction too: from lower to higher modes and
vice versa [16-18]. The only factor that “spoils’ the
general consistent picture for a charged drop nonlin-
early vibrating in a quiescent insulating medium (see
[16-18]) is that the fundamental mode (n = 2) can be
involved in resonance energy exchange between the
modes in the second order of smallness in vibration
amplitude. To put it otherwise, it is impossible for a
immobile charged drop vibrating in an insulating
medium to transfer energy from higher modes to the
fundamental mode by means of secondary Raman res-

onance, since the condition 0 = (w, + w)? is fulfilled
for none of mand I. If the drop moves relative to the
medium, its vibration frequency is given by (11); that
is, the dispersion relation involves the term propor-
tional to Weber number We and so the fundamental
mode can resonantly build up. Indeed, introducing the
designation

Awr = (0t @)° -0, (12)
where Aw? = Aw>(m, |, n, W, We), we construct for

severa values of n (specifically, for several lower
modes to which the energy is transferred from higher

modes) the dependences Aw? = Aw’ (m, ) that are
crossed by the plane Aooﬁ = 0 at fixed values of Ray-
leigh and Weber parameters W and We (Fig. 1). In a
similar way, we construct the dependences Aooﬁ =
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Aooﬁ (W, We) for fixed pairs of mode numbers mand |
specifying the initial deformation (Fig. 2). In Figs. 1
and 2, the condition for resonant energy exchange is
strictly fulfilled along the lines of intersection of the

surfaces. The dependences Aw? = Aw? (m, 1) for the

second, third, and fourth modes (Figs.1a-1c) indicate a
considerable scope for energy transfer from higher to
lower mades. It should be noted, however, that only a
finite number of points in the lines of intersection in
Fig. 1 corresponds to integer mode numbers m and |
(when constructing Fig. 1, we assumed that discrete
variables m and | vary continuously). The rest of the
points in these lines indicate near-resonance situations.
Remarkably, the nonlinear internal resonant mode
interaction is sightly sensitive to small deviations of
the physical parameters from the values corresponding
to exact resonance positions [17, 18, 23]. This means
that the resonant interaction will also take place in the
neighborhood of the locus of points constituting the
straight linesin Figs. 1 and 2 but itsintensity (the frac-
tion of the resonantly transferred energy and the time
interval within which the transferred energy staysin a
growing lower mode) will be somewhat lower [17, 23].

According to the caculations, the fundamental
mode strictly resonantly interacts with the third mode
alone if both modes are present in the spectrum of the
modes specifying the initial deformation (this situation
isillustrated in Fig. 2a). It follows from Fig. 2athat the
exact values of the Rayleigh and Weber parameters
meeting the resonance interaction amount to several
fractions of unity, i.e., are somewhat larger than those
obtained by the model calculation for a cloud drop of
radius 100 pm. The discrepancy between the analytical
calculations and the real situation in a thunderstorm
cloud may be eliminated by (i) increasing the radius of
the drop (then, the free-fall velocity of the drop will
also increase and the Weber number will tend toward its
value in Fig. 1a) or (ii) taking into account the weak
dependence of the vibration frequency on the Rayleigh
and Weber parameterswhen they are small and also the
above-mentioned dight sensitivity of the resonant
interaction to small deviations of the physical parame-
ters from exact resonance values. These remedies can
be applied in combination. In any case, the parameters
of large drops in thunderstorm clouds (W ~ 0.1, We <
0.5) are such that they admit of energy transfer fromthe
excited third vibration mode to the excited second
mode. Certainly, amore detail ed investigation is neces-
sary to gain a better insight into the resonance energy
transfer between these modes. Today, only the possibil-
ity of energy transfer between these modes can be
viewed as a documented fact. The third mode energy
can be replenished by resonant energy transfer from
higher modes (Fig. 1b).

The calculations show that, unlike the second mode,
the third mode may resonantly exchange energy with a
large number of modes: from the fourth to the thirteenth
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Fig. 1. Quadratic form Awﬁ (12) crossed by the plane

Awﬁ = 0vs. mode numbersmand | at W= 0.1, We = 0.001,
and n=(a) 2, (b) 3, and (c) 4.

mode. However, the resonant interaction with the
twelfth and thirteenth modes corresponds to the least
values of the Rayleigh and Weber parameters (Fig. 2b)
(the necessary condition for analytical calculations to
meet the redlity is the smallness of the charge and
velocity of the drop, which are characterized by the
Rayleigh and Weber parameters). For the fourth mode,
the spectrum of modes resonantly coupled withitisstill
wider (from the fifth to thirty-first mode); however, the
optimal (in terms of the smallness of the Rayleigh and
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Fig. 2. Quadratic form Awﬁ (12) crossed by the pIaneAcoﬁ =0vs. Rayleigh and Weber parameters. () n=2,m=2,1=3; (b) n=
3m=12,1=13;(c)n=4,m=30,1=31;and (d)n=4,m=6,1 = 8.

Weber parameters) interactionsin this case are interac-
tions with the thirteenth and thirty-first modes (see
Fig. 2¢).

Figures 2a—2c show the resonance interaction of an
nth mode with two neighboring (mth and Ith) higher
modes (]l —m| = 1). Asnumber n increases, the range of
the Ith and mth modes resonantly coupled with the nth
mode widens, asillustrated by Fig. 2d for n =4, m=6,
and | = 8. Eventually, the following situation may arise:
the fundamental mode takes the energy from the third
mode, the third mode absorbs the energy of the fourth
to thirteenth modes, the fourth mode takes the energy
from thefifth to thirty-first modes, etc. It can be conjec-
tured that, in anonlinearly vibrating charged drop mov-
ing in amedium, secondary Raman resonant interaction
between vibration modes generates an energy flux from
higher modes to the fundamental mode. The energy
transfer from higher modes (which are regularly
excited when a large drop moving in a cloud collides
with finer and slower drops) builds up the amplitude of
fundamental mode vibrations up to a value observed in
full-scale experiments (which is comparable to the
radius of the drop [19, 20]). Note, however, that the
possibility exists of a reverse energy transfer (from

lower to higher modes), which is supported by degen-
erate interaction between the modes. Physical mecha-
nisms behind interaction between these oppositely
directed fluxes in the vibrating system under consider-
ation are asyet amystery and call for special investiga-
tion.

The present study of internal nonlinear resonances
in acharged drop placed in the laminar flow of an ideal
incompressi ble insulating low-density medium ignores
mode interaction at a tangential discontinuity of the
velocity field at the interface, and inhomogeneity func-
tion (7) iswritten in the zeroth approximation in param-

eters We, p, and ./pWe. With these simplifying
assumptions discarded, the solution to the problem will
have extra terms of the first and second order of small-

nessinWe, p, and ./pWe but the resonance terms will
persist. Taking into account mode interaction at the
velocity field tangential discontinuity gives rise to sec-

ond-order (in We, p, and ./pWe) corrections to the
exact resonance positions. However, the basic infer-
ences drawn in thiswork will remain valid.
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CONCLUSIONS

The motion of a nonlinearly vibrating charged drop
in amedium greatly expands the spectrum of realizable
internal nonlinear resonances. A large charged drop in
acloud admits of resonant energy transfer from higher
vibrating modes to the fundamental mode, which
shows up even in the second order of smallness in
deformation amplitude and builds up spheroidal vibra-
tions of the drop, as is observed under natural condi-
tions.
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Abstract—The tranglational temperature in the plasma of glow and contracted discharges is measured using
the methods of coherent anti-Stokes Raman spectroscopy and optical interferometry. The current density in the
dischargeisdetermined by measuring the electron concentration with optical interferometry and emission spec-
troscopy. The distribution of nitrogen molecules over vibrational and rotational levels in the ground state, the
electron energy distribution, and the time dependence of the gas temperature are numerically found based on a
mode! including the homogeneous Boltzmann equation and bal ance equationsfor the concentrations of charged
and excited particles and for the gas temperature. The dynamics of transition to the quasi-steady-state distribu-
tion of nitrogen molecules over vibrational levelsis studied. © 2005 Pleiades Publishing, Inc.

INTRODUCTION

Molecular nitrogen is used as a basic component in
a variety of plasma-chemical processes and also as a
small additive to various gases in studying the parame-
ters of the gas discharge plasma. The glow discharge
plasmain nitrogen is a heavily nonequilibrium weakly
ionized gas. Thefactors responsible for nonequilibrium
and affecting the kinetics of processes occurring in the
plasma are the disturbance of equilibrium between the
vibrational, rotational, and trandational degrees of
freedom of the molecules, as well as the deviation of
the electron energy distribution function (EEDF) from
the Maxwell distribution [1-3]. The retarded vibra-
tional relaxation of nitrogen moleculesin the discharge
causestheir high vibrational excitation, and the popula-
tion of molecular vibrational levels is no longer
described by the Boltzmann formula [4]. This greatly
complicates experimental and theoretical investigation
of the gas heating dynamics, as well as the EEDF and
the molecul e vibrational—otational energy level distri-
bution function (hereafter, molecule vibrational distri-
bution function (MVDF)).

Numerical simulation of the process kinetics in the
nonequilibrium gas discharge plasma requires experi-
mental verification even if the processes are described
in detail (a fortiori if they are briefly outlined). How-
ever, the published parameters entering into the rele-
vant kinetic equations, such as the rate constants and
the cross sections of elementary processesin agasdis-
charge, are frequently given with an insufficient accu-

racy, sincethey are difficult to cal culate or measure. For
example, the reported cross sections of electron-
impact-induced vibrational level excitation in nitrogen
molecules differ by a factor of 4 [5], and the scatter in
the rate constants for vibrational—vibrational energy
exchange (VV exchange) and vibrational-trand ational
relaxation (VT relaxation) differ by one order of magni-
tude[6]. Therefore, it seemstopical to devel op efficient
plasma diagnostics methods. However, development of
diagnostics methodsinevitably runsinto the problem of
gaining insight into elementary processesin the plasma
and selecting a model substantiating the means of
choice. A reasonable combination of experimental and
theoretical studies would make it possible to experi-
mentally verify numerical methods selected, gain lack-
ing data for the rate constants and elementary process
Cross sections, optimize (with minimal costs) technolo-
gies using the plasma of a nonequilibrium gas dis-
charge as an active medium, and comprehensively
study its properties in awide range of critical parame-
ters.

An essentia issuein studying the EEDF and MVDF
in the nitrogen plasma is kinetic mechanisms behind
the interplay between these functions [7-9]. An impor-
tant parameter characterizing a discharge plasmaisthe
trandational temperature, which specifies the routes
and rate constants of many plasma-chemical reactions.

The basic processes underlying the interplay
between the EEDF and MV DF are electron collisions
of the first and second kind with vibrationally excited

1063-7842/05/5012-1592$26.00 © 2005 Pleiades Publishing, Inc.
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moleculesin the ground state, Nz(Xlz;' , V). Inaddition,

when considering the MVDF formation, one should
take into account the processes of VV exchange and VT
relaxation. To include these processes, the EEDF was
taken by probe methods [10, 11] and the MVDF was
obtained by jointly solving the Boltzmann equation and
the balance (master) equation [7-9]. The input data,
such as the trandational and vibrational temperatures,
reduced electric field strength, and electron concentra-
tion, were measured by the methods of emission spec-
troscopy, optical interferometry, and coherent anti-
Stokes Raman scattering (CARS). The emphasisin this
work was on determining the low-energy part of the
EEDF. However, reliable determination of the rate con-
stants for high-threshold processes calls for investiga-
tion of the high-energy part of the EEDF.

The dynamics of nitrogen heating in the discharge
has been the subject of extensive research [12-19]. In
this field, a number of reasons makes comparison
between measurements and calculations difficult.
When nitrogen heats up, it is necessary to take into
account not only the interrelation between EEDF and
MVDF but also many other processes that may affect
their formation in the discharge plasma. Such are elec-
tron collisions of the first and second kind with excited
particles, relaxation, deactivation of excited molecules
and recombination of atoms, thermal lossesdueto agas
trandational temperature gradient, etc. Tranglational
temperature T,, was measured by optical interferometry
and CARS. Of special importancein our experimentsis
a channel of WV energy exchange between nitrogen
molecules. It should be noted here that the form of the
analytical MVDF is sensitive to the rate constant of VV
energy exchange between the molecules[15].

The glow discharge as an object of investigation was
chosen for the following reasons. First, in the positive
column plasma, equilibrium between the vibrational,
rotational, and trandational degrees of freedom of
nitrogen moleculesis noticeably disturbed. Second, the
glow parameters, such as electrode potential, cathode
drop, and current intensity, which are necessary for
finding electron concentration N, and reduced electric
field strength E/N, can bereliably measured. Third, one
can use EEDF measurements taken by the probe
method.

EXPERIMENTAL

Figure 1 shows the experimental setup used in this
work to study the gas heating dynamics, gas density
and electron concentration distributions over the cross
section of the discharge cell, rotational temperature,
and MVDF in anitrogen glow by the methods of emis-
sion spectroscopy, interferometry, and CARS.

A dc longitudinal glow discharge was initiated in a
quartz cell at a pressure ranging from 3 to 30 Torr. The
cell was cooled by water, and so wall temperature T,
could be kept at 300 K. A weak gas flow was pumped
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Fig. 1. Schematic of the experimental setup: (1) Nd®* 1 YAG
laser, (2) dye laser, (3, 17) power suppliers, (4, 5) control-
lers, (6, 14) photoel ectric multipliers, (7) PC, (8) monochro-
mator, (9) discharge cell, (10) filter, (11) lens, (12) lenswith
focal length f = 150 cm, (13) wedge, (15) camera, (16) volt-
age dividers, (18) He—Nelaser, and (19) oscill oscope.

through the cell, the flowing gas being prepurified in
nitrogen traps. Ring titanium electrodes were mounted
flush with the inner surface of the discharge tube. The
inner radius of the tubewas R = 1.8 cm. Windows &t the
end faces of the cell were made of different materials
depending on optical diagnostics means. For optical
interferometry and emission spectroscopy, the win-
dows were made of quartz, which is transparent for the
near-UV and visible ranges (A = 300—700 nm). When
the trandational temperature and the populations of
nitrogen molecule vibrational levels were measured by
CARS, ZhS-17 and SS-5 color filters served as the
entrance and exit windows of the cell. Theformer elim-
inated the CARS signal due to the nonlinear interaction
between the laser beams propagating in the atmosphere
toward the cell. Thelatter filter separated out the CARS
valid signal from thetotal radiation of the discharge and
lasers.

Tranglational temperature T,, and the popul ations of
nitrogen molecule vibrational levels were measured at
two stages of the glow. At thefirst (transient) stage (t =
3-20 ms), T,, was measured optically. It is at this stage
of the discharge that its basic parameters (current inten-
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sity, T, and MVDF) are formed at a constant pressure.
The glow discharge was initiated by stepwise increas-
ing the voltage applied to the cell electrodesfrom areg-
ulated high-voltage power supply. As soon as the dis-
charge was initiated, a voltage drop and current inten-
sity in the discharge gap were displayed and measured
on the oscilloscope's screen using resistive voltage
dividers.

In the time interval t = 2025 ms, within which the
low-frequency vibrations of the setup deteriorate the
accuracy of interferometric measurements, T, and the
MVDF were determined by narrow-band CARS. In
addition, T,, and gas density distributions N and N, over
the cross section of the cell were measured by optical
interferometry and emission spectroscopy. At this
stage, the discharge became quasi-stationary and its
current remained at the level |, = 20-50 mA.

From the measured values of p, T, and electrode
voltage, we found E/N. Electric field strength E in the
positive column of the glow was determined with
regard to the cathode drop [2], and molecular concen-
tration N at the discharge axis was determined with
allowance for adecrease in the gas density asaresult of
heating. The values of E/N varied from 40 to 80 Td. To
take the time dependence of T,, along the axis of the cell
and the distribution of this temperature over the cell’s
cross section, we used a two-pass Michelson interfer-
ometer [20, 21].

Asasource of monochromatic radiation in theinter-
ferometer, a single-mode 632.8-nm He—Ne laser with
an output of 50 mW was applied. The laser beam was
expanded to 4 cm in diameter with atelescope and then
was wedge-split into two, object and reference, beams.
The former was directed toward a mirror through the
windows, reflected from the mirror, and then (upon
being made coincident with the reference beam on the
wedge) fell on alens together with the reference beam
reflected from the mirror. Such a double-pass optical
scheme was used to improve the sensitivity of the setup
at low pressures. Another lens with a focal length of
150 cm placed before the splitter matched the size of
the interference pattern to that of the cameraframe and
to the dit of a photoelectric multiplier (PM). Photo-
graphing of the interference pattern provides informa-
tion on the T, distribution aong the radius of the gas-
discharge tube. The maximal displacement of the
fringes at the discharge axis was equal to 3.2-8.0
widths of the fringe. The fringe displacement was mea-
sured accurate to 0.2 of the fringe width. The axial dis-
placement of the fringes was detected by the PM. The
0.3 x 4.5-mnm? dit before the PM cathode was placed in
such away that its center was coincident with the center
of the interference pattern. The fringes ran parallel to
the dlit. The signal from the PM was displayed on the
screen of the oscilloscope. The time resolution of the
PM was 5 ps. Thetypica waveforms of PM signals and
typical interferograms were demonstrated earlier
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[22, 23]. The fringe displacement measurements were
processed by the method described in [20, 21].

Thevariation of electron concentration N, at the cell
axisin time was calculated from the dependence of the
current on the electron drift velocity and discharge

cross section §; (§; = T[sz, where R is the effective

radius of the current filament, which is found by the
technique described in [14]). The drift velocity was
found by solving the Boltzmann equation for the EEDF.
Asinput data, the measured parameters of the glow dis-
charge plasma were used.

It has been experimentally established [14] that, at
p = 15-20 Torr in a contracted discharge, the distribu-
tion of the radiation intensity from the nitrogen second
positive system over the cell’s cross section correlates
with the electron concentration distribution over the
cross section. Therefore, the value of R; was determined
from the distribution of radiation intensity I,(r) along
cell radius r at wavelengths A = 337, 354, 358, and
380 nm of the nitrogen second positive system. Inten-
sity 1,(r) was measured with a photoelectric spectral
instrument equipped with two 2 x 2-mm diaphragms.
The spatial resolution along the cell radius was 2 mm.
Effective radius R; was determined from the relation-
ship [14]

2 Rlx(r)
R =270

0

In the stationary glow discharge, the rotational tem-
perature and the populations of nitrogen molecule
vibrational levels v = 04 in the ground state were mea-
sured with a Sopra (France) CARS spectrometer.

The second harmonic of a Nd® : YAG laser at the
frequency corresponding to wavenumber v, =
18797 cm™ (the peak energy is 50 mJ, a pulse width of
25 ns, and a pulse repetition rate of 10 Hz)) and the
radiation of atunable dyelaser (the peak energy 1 mJat
the frequency corresponding to wavenumber v, =
16475 cmt) were focused along the positive column of
the glow by a lens with a focal length of 50 cm. The
populations of the levels at p = 3.5 Torr were measured
with the collinear beams. Such a scheme provided a
gpatial resolution of 250 pm x 250 pm x 4 cm. When
the vibrational temperature was measured at p = 11—
20 Torr, the spatial resolution wasraised by using sharp
focusing of the beams in plane (Planar BOXCARS
approach). Such an approach allowed usto improve the
gpatial resolution to 250 x 250 x 500 um. Thevalid sig-
nal at anti-Stokes frequency w,g was separated out from
the total discharge and laser radiation by wide-band fil-
ters and a concave-grating monochromator. The CARS
valid signal was recorded in the counting mode with an
optical spectrum multichannel analyzer (OSMA).

To find the populations of the vibrational levels, we
recorded the intensity distribution in the spectrum of

rdr. (D)
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the Q branch of vibrational—rotational transitions from
v=0-—v=1(Qytov=4—v=5(Q). The
MV DF was determined from the CARS spectra by the
method suggested in [22]. Rotational temperature T,
was determined from the vibrational—rotational Raman
spectrum of the Q branch of vibrational transition v =
1 — v =2. From the experimentally found spectrum,
the dependence of In(N,/g;) on J(J + 1) was constructed
(N; isthe population of arotational level with quantum
number J, and g; is the order of its degeneracy). When
constructing this dependence, we took into account the
degeneracy orders of rotational levels and spin degen-
eracy of the ground state. The rotational temperature
was found from the slope of the straight line

B.
kT rot ’

which was constructed by the rms method under the
assumption that the populations of rotational levels
obey the Boltzmann distribution. Here, B, is the rota-
tional constant of anitrogen molecule and k isthe Bolt-
zmann constant. Under our experimental conditions,
the tranglational and rotational temperatures coincide.

In(N,/g;) = const+J(J +1)

)

KINETIC MODEL

Figure 2 shows the scheme for finding the EEDF
and MVDF, as well as for eucidating mechanisms
underlying their interplay and gas heating. When find-
ing the MVDF and low-energy part of the EEDF, we
varied total (over the first eight vibrationa levels)
vibrational excitation cross section oy and rate con-
stants of VV exchange in order to achieve the best
agreement between the computational results and
experimental data. Next, to improve the reliability of
extracted quantitative information on the EEDF,
MVDF, oy, and rate constants of VV exchange, the
number of measured glow discharge plasmaparameters
used as input data was taken as large as possible.

The EEDF and its basic moments, drift velocity v,
and characteristic temperature D/p of electrons in the
glow discharge plasma, were found by numerically
solving the Boltzmann equation. The input data for
determining the EEDF were measured values of E and
T, The value of E/N was found with regard to the cath-
ode drop and a change in molecular concentration N
dueto gas heating. The cathode dropsfor various mate-
rialsused as glow-sustaining electrodesaregivenin[2].

When comparing the calculated and measured [10,
11] EEDFsin thetypical experimental range E/N = 40—
80 Td (Table 1), we varied o5 and vibrational tempera-
ture T, of thefirst vibrationa level (T, = 0,/In(N;/Ny)),
where 6, is the vibrational quantum of a nitrogen mol-
ecule).

The EEDF and MVDF were found by iterations
from a solution to the Boltzmann equation and kinetic
equations that describe the balance of vibrationally
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Fig. 2. Block diagram of calculating the discharge kinetics.
(1) Comparison of calculated and experimental data for
EEDF, vg;, and D/Y; (2) input experimental datafor EEDF,
E/N, Ty, and T,; (3) variation of T,, and comparison with
experiment; (4) EEDF; (5) refinement of cross section oy
by comparing calculation and experiment; (6) heating of
electrons by electric field E; (7, 21) electron-impact-
induced vibrational excitation of molecules; (8) electron-
impact-induced ionization of molecules and atoms;
(9) electron-impact-induced excitation of Rydberg states of
molecules; (10, 23) electron-impact-induced excitation of
molecules and atoms; (11) electron—electron collisions;
(12) electron—molecule and electron—-atom elastic colli-
sions; (13) electron-impact-induced dissociation of mole-
cules; (14) electron-impact-induced rotational excitation of
molecules; (15) iterations to determine EEDF, MVDF, v,
D/y, Ty, and T,; (16) reaction rate constants K;; (17) input
experimental datafor heat conduction equation and calcula-
tion of MVDF (N, R, Ng, V. Yo @d T,); (18) MVDF,;
(19) VT molecule-molecule relaxation; (20) gas heating
and heat removal toward the cell wall; (22) VT molecule-atom
relaxation; (24) W molecule-molecule energy exchange;
(25) refinement of VV exchange rate constants by compar-
ing calculation with experiment; (26) diffusion of excited
molecules and atoms followed by heterogeneous relaxation
at walls; (27) dissociation of molecules by electron impact
and via vibrational excitation; and (28) comparison of cal-
culated and experimental datafor MVDF, T,, and Ty,.

excited molecules and variation of the gas chemical
composition. This set of equations aso included an
equation for T,, variation in the isobaric approximation.
The exited particle concentration obtained by calcula-
tion was used to refine the EEDF, which varies with the
chemical composition of the gas and due to electron
collisions of the second kind with excited particles.
From the EEDF calculated, rate constants K;, v, elec-
tron energy 10sses Ny, due to eectron-heavy particle
elastic collisions, and electron energy lossesn,,; dueto
molecule rotational excitation were found. The values
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Table 1
. T K . TrK Tlgrr R,cm| t, ms clr\nle—’3 ET/BI Refs.
experiment theory experiment theory
530+ 30°ARS | 470 (y, = 10%)|5300 + 350°ARS | 4960 (y, =10%| 20| 10 | 11 2x10° | 80 | [28]
420 (y, = 1079) 4250 (y, = 1079
480 + 40°ARS | 512 (y, = 1074|3790 + 350°ARS | 3700 (y, =10%)| 35| 1.8 | 20 |35x10° 45 | [22]
470 (y, = 1079) 3475 (y, = 1079)
530 + 40°ARS | 545 (y, = 107 |4320 + 350°ARS 4255 (y, =104 | 70| 1.8 | 15 |1.2x10¥| 60
520 + 50¢ 530 (y, = 1079) 4200 (y, = 1079
600 + 40CARS | 610 (y, = 107%) |4270 + 350°ARS | 4240 (y,=10%| 95| 1.8 | 15 6 x 10° 70
570 + 50¢ 605 (y, = 1079 4240 (y, = 1079
395+ 15°ARS | 400 (y, = 107 |2850 + 100°ARS | 2790 (y, = 10%) | 120 | 0.7 | 30 010° | <100 | [27]
360 (y, = 1079 2615 (y, = 107%)
1000 + 100CARS | 1135 (y, = 1079 150 | 1.8 | 30 2x10° | 70
1140 + 110°" | 1135 (y, = 1079
1200 + 110ARS | 1230 (y, = 1079 200 | 1.8 | 30 4x10°| 68| This
1230+ 120°  |1230 (y, = 1079) work
1350 + 130CARS | 1300 (y, = 1079 300 | 1.8 | 30 5x10° | 67
1300+ 350°" | 1300 (y, = 1079)
1150-1200°' 1170 (y, = 107%) 200 | 1.0 | 30 [39x10°| 59| [14]
1170 (y, = 10°%)

of Ki, Vg Naas @ N, thus obtained were then used in
calculating the variation of the gas composition in the
plasma, N, and gas heating dynamics, respectively.
Importantly, the rate constants of VV exchange and
cross sections o were refined at each iteration by com-
paring the calculated and experimental MVDF and T,
aswell asthe EEDF and its basic moments. Such apro-
cedure was repeated until the rate constants and cross
section started converging.

When determining N, and T,;, we took into consid-
eration their nonuniform distribution over the cross sec-
tion of the cell. In solving the master equation for the
composition, allowance was made for particle diffusion
toward the walls followed by heterogeneous (VW)
relaxation in order to estimate the effect of these pro-
cesses on the MVDF and gas hesting.

KINETIC EQUATION FOR THE ELECTRON
ENERGY DISTRIBUTION FUNCTION

The homogeneous Boltzmann equation was solved
by the two-term approximation method, according to
which the EEDF is expanded into a series in spherical
harmonics (Legendre polynomials) up to the first two
terms, which specify its isotropic part f(€) and current
characteristics of electrons.

I sotropic part f(€) was obtained by solving the equa-
tion with regard to (i) electron—atom and el ectron—mol-

ecule elastic collisions; (ii) excitation of A33, B3,

cin,, B3x,, atz,, Wep,, a'fgy, w'a,, and a"lz; elec-
tron and Rydberg rotational and vibrational states, as
well as eectron-impact-excited (hereafter, impact-
excited) states 2P and 2D; (iii) impact-induced dissoci-
ation of molecules in the ground state and al so through
electron level swith passageto repulsiveterms; (iv) ion-
ization of moleculesin the ground state due to electron—
molecule collisions; (v) impact-induced ionization of
atomsfrom ground state*S; (vi) collisions of the second
kind between vibrationally excited molecules that are

in ground X' state (only for the first ten levels) and
in the impact-excited states listed above (except for

state a"'%;) and electrons; and (vii) collisions of the

second kind between electrons and atoms in impact-
excited states 2P and ?D.

In the spatially homogeneous approximation, the
equation for theisotropic part of the EEDF hastheform
[7-9]

E’  df(e) m,, .2
+ —
s IZZMIN,a o ()
32 N0 (€)
|
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ﬁ@+“m@}waaa

Et+g; (3)
|:f( )+ Ttrdf(s)i| ZNIZ J- O'ij(E')EE'f(E')dS'

E—g;

- Z N; J’ ai(e)e f(g)de'.
i €

Here, mand M, are the masses of an electron and mol-
ecule (I = 0) or atom (I = a); N, is the concentration of
molecules or atomsin the ground state; € isthe electron
energy; €; is the change in the electron energy due to
electron—-molecule or eectron—atom collisions; 6,,(€)
isthetransport scattering cross section of an electron by
anitrogen molecule (I = 0) or atom (I = a); 0,4(€) isthe
cross section of electron-impact-induced vibrational
level excitation; aj;(€) are the cross sections of dissoci-
ation, ionization, vibrational level excitation, and elec-
tron level excitation for a molecule or atom in the case
of direct reactions; g; arethe cross sections of collisions
of the second kind between electrons and molecules or
atoms in impact-excited states, which is calculated
fromthe principle of detailed balance; and N; isthe con-
centration of molecules and atoms, as well as vibra-

tionally excited molecules in electron state X' for

vibrational levels 1 < v < 10. The set of cross sections
isthesameasused in [7-9].

The first term in the left of Eq. (3) stands for an
increase in the electron energy in field E; the second,
for energy losses in electron—molecule and electron—
atom elastic collisions; and the third, for energy losses
due to electron-impact-induced excitation of nitrogen
molecule vibrational levels. The right of this equation
describes electron-heavy particle inelastic collisions,
which change the energy state of the particles (the tran-
sition from statei to statej with energy changeg;; or —g;
for electron collisions of the second kind with excited
heavy particles). The form of the equation implies that
electron—electron collisions are disregarded.

The EEDF is normalized as follows:
J’[sf(s)ds = 1. (4)
0

The Boltzmann equation for the EEDF was solved
by iterations[9]. The function cal cul ated by the method
given in[24] was used as a zeroth-order approximation.

The rate constants for excitation of nitrogen mole-
cule electron states from unresolved higher vibrational
levelsof ground state X* Z; were calculated by relation-

shipsderived in [25]. Other rate constants for electron—
heavy particle interaction were found by normalizing
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the cross sections of related reactions by the EEDF,

- Efoij(s)sf(s)de. (5)
0

Thevalues of v and D/ were determined from the
relationships [26]
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MASTER EQUATIONS FOR GAS COMPONENTS
AND GAS HEATING

The glow discharge positive columnis characterized
by acomplex composition, many kinetic processes, and
nonuniform distribution of parameters (molecular,
atomic, and electron concentrations; gas temperature;
etc.) over the column’s cross section. When processing
experimental data obtained in thiswork and in [14, 22,
27, 28], we took into consideration (i) nitrogen mole-

cules in ground state Xlig (47 vibrationa levels,

among which thelevel v = 46 was assumed to be alevel
of dissociation via vibrational excitation) and in
impact-excited states A%, , B3, C3M,, B2Z,, a's,,
WAA,, a'llg, and W*A,; (i) nitrogen atomsin the ground,
435 and excited, 2P and 2D, states; and (iii) electrons e.
The processes and rate constants that were included in
describing the glow discharge plasmakineticsarelisted
in[7,25].

Furthermore, the master equations for particles and
gas temperature must include diffusion and transport
phenomena, which greatly complicates the solution of
the problems stated. A method was suggested [29, 30]
that makesit possible to simplify the partial differential
equations. With this method, the set of partial differen-
tial equationsis reduced to a set of stiff ordinary differ-
ential equations for plasma parameters averaged over
the cell’s cross section. In experiments, however, the
discharge parameters are usually measured at the axis
of the cell. The approach used in this work allows one
to derive aset of stiff ordinary differential equationsfor
the parameters that describe the state of the plasma at
the axis of the positive column with regard to heat
removal and diffusion of vibrationally excited mole-
cules and atoms from the positive column axis toward
the walls with subsequent heterogeneous relaxation of
the molecules and recombination of atoms. This
approach is based on the assumptionsthat (i) during the
establishment of the gas parameters, the radia profiles
of the trandlational temperature and particle concentra-
tion are near-stationary; (ii) pressure p is constant along
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the positive column; and (iii) the gas flow velocity, as
well as the rates of dissociation and ionization, in the
positive column are high.

It was also assumed that, in the diffusion- and/or
recombination-controlled positive column, energy
release V(r) and atomic (molecular) concentration
V.. «(r) vary along the cell radius by the law

Vy1(r) =V, 1(0)(1~(r/R)?). )

Here, z is an approximation parameter that is deter-
mined by comparing the calculated and measured
radial temperature profiles T, (r). Quantities V4(0) and
V.. «(0) express, respectively, heat removal and diffu-
sion of vibrationally excited molecules and atoms from
the discharge axis with subsequent heterogeneous
relaxation of the molecules and recombination of the
atoms at the walls. Under the above assumptions, these
guantities as functions of T,, and particle concentration
at the cell axis were found by solving the heat conduc-
tion and diffusion equations with appropriate boundary
conditions [29, 30],
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Here, V,[0(x = v or at) is the mean thermal velocity of
molecules or atoms, y, isthe probability of deactivation
of the molecules or recombination of the atoms at the
walls; N, is the concentration of vibrationally excited

molecules, N,(X'Z; , v), or atoms, N(*S); D, is the dif-
fusion coefficient of the molecules or atoms; and X, =
2.3 x 10 W/(K cm) is the thermal conductivity [31].
For nitrogen molecules, a = 0.84.

Regardless of vibrational level v, the diffusion coef-
ficients were set equal to [31]

136 8

D, = 228(7,/273)**, D, _2204

T, /273)"",
(T,/273) 13

wherepis expressed in Torr.

Under the experimental conditions considered, het-
erogeneous relaxation of the molecules proceeds
largely through physical adsorption [1],

W+ No(X'Z, v +1) 0 W+ Ny(X'Zg, v), (14)

W+ N('S) + N('S) 0 W+ Ny(X'Z;, v).  (15)
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Thevalueof y, wasvaried from 10 to 10~ depend-
ing on the cell material (quartz, glass, or Pyrex), while
Y Was set equal to 10 [1, 4]. The temperature of the
cell walls was taken to be T,, = 300 K. Calculations
showed that wall (surface) deactivation of impact-
excited molecules and atoms is a much weaker process
than volume quenching of the excitation and, hence,
may be ignored under our experimental conditions
[14, 22, 27, 28].

The tranglational temperature profile taken by opti-
cal interferometry is given by

(025 (r/RYI(z+ 2) )
(0.25—-1(z+ 2)?)

1

Tha (16)

T,(r) = TW[1+(1—(r/R)

X ((Tyl Ty)" "t = 1)}

For such a profile of T,(r), thermal losses V(0) at
the axis are expressed (in terms of K/s) as

o[(T/TW)=1]
[1 (2 fz)z}

The variation of the concentration of molecules in
the state with quantum number v = 0 or atoms due to
diffusion from the discharge axisis given by

Ny a
T,+Tp

4TWX0
R (1+0)

V+(0) = (Tu/Tw) - (17)

Voa = (18)

In the master equation, this term describes an incre-
ment of molecules in the state with v = 0 through VW
deactivation of those in the state with v = 1. For atoms,
this term describes a decline in the concentration

because of wall recombination. The associated rel ation-
ship for moleculeswith v = 1 hasthe form

Nv+1_Nv

Vo(0) = =
Y

(19)
Characteristic times 1, and T, for diffusion and VW
deactivation of molecules (recombination of atoms) at

the wall depend on the trandational temperature at the
cell axisasfollows:

_ R0.25-1/(z+ 2) ] [T/ Tu) " = (Tu/T)™ ]
Dy al1-By &/ (1+ OI[(TJT,) =1
_ AR(05-1/(z+2))
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Thus, in view of the earlier found expressions for
V, «(0) and V+(0), the simplified master equations for
the excited particle concentration and translational tem-
peraturein the isobaric approximation have the form of

(20)

T
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stiff ordinary differential expressions of type

= T TKIN-F RN+ KN,
fo] foj foi
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The first two terms in Egs. (21) and (22) describe
one-particle processes responsible for an increase or
decrease in the concentration of particles of sort i asa
result of which a particle of sort j disappears or appears
(such processes are, for example, radiation-induced
processes). The third and fourth terms stand for two-
particle processes, such asimpact-induced excitation or
de-excitation of molecules or atoms, VT molecule—
molecule and molecule—atom relaxation, one-quantum
VV exchange, molecular dissociation, and exchange
reactions between molecules and atoms in the ground
and impact-excited states. The fifth and sixth terms
account for three-particle processes: recombination of
nitrogen atomsin the ground and impact-excited states.
Here, subscripts j and | denote the sort of interacting
particles. The last two terms describe the thermal
expansion of the elementary volume of the gas and dif-
fusion of excited molecules and atoms toward the cell
walls with subsequent VW heterogeneous relaxation.
Superscript f indicates the type of reaction between the
components, since the same pair of particles may be
involved in reactions of several types.

When numerically simulating the MV DF, rate con-

stant K% of VWV exchange was varied until the best

agreement between the calculated and measured values
of vibrational temperature T, was achieved.

The basic factors that govern the trandational tem-
perature, i.e., are responsible for gas heating in awall-
bounded discharge, are (i) VT relaxation of excited
molecules on molecules and resulting atoms, (ii) vibra-
tiona energy losses due to VV exchange between mol-
ecules, (iii) eectron—molecule and electron—atom elas-
tic callisions, (iv) excitation of molecular vibrational
levels by an electron impact, and (v) thermal losses due
to a trandational temperature gradient. The model at
hand a so includes processes with the participation of
molecules and atomsin excited states. These processes
may noticeably affect the populations of vibrational
levels responsible for the MVDF formation and,
thereby, indirectly influence the gas heating dynamics.
On the other hand, since the amount of energy directly
converted to heat via callisions of moleculesin ground
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state X'Z; and metastable states A3%; and B, is not

known exactly [6, 17], the direct contribution of these
processesto gas heating was not carefully analyzed and
so calls for further investigation. Note that gas heating
due to ionization of molecules and atoms was not taken
into consideration as well.

The set of equations was solved numerically by the
method suggested in [32]. At the zero time, the MV DF
corresponded to the Boltzmann distribution for T, =
300 K. The concentrations of atoms and molecules in
the excited states were set equal to zero. In the course
of integration of the equations for particle concentra-
tions, the rate constants for vibrational excitation of the
molecul es were recalculated according to the variation
of the vibrational temperature of the first excited level
(300K < T, < 6000 K) and trandational temperature
(300K = T,, < 6000 K) with time.

RESULTS AND DISCUSSION

Electron energy distribution function. Figs. 3a
3c compare the calculated EEDF and the EEDF mea-
sured by the probe method [10, 11] for the quasi-sta-
tionary glow discharge. At E/N = 60-140 Td, the calcu-
lation and measurements are in good agreement when
T, = 38004000 K. It is these values of the vibrational
temperature that were obtained by the CARS method
under the conditions considered (Table 1).

In the quasi-stationary mode of the glow discharge
plasma, near-resonance VV exchange, together with
molecule-electron inelastic collisions, plays an essen-
tial rolein redistribution of populations Ny and N, over
vibrational levels. Therefore, T, depends on rate con-

stant K% of VV exchange. To provide simultaneous

agreement between experimental and calculated data
for the MVDF (lower states) and EEDF, o5 was varied

together with K2 . The former parameter ranged from

3.0and 13.3 A2 (see[5 and Refs. cited therein]); thelat-
ter, from 9 x 107'° to 1.5 x 1073 cm®/s [6, 33-36]. For
the EEDF, the cal cul ation and measurements arein best

agreement when o; = 9-10.6 A% and K& = 9 x

107 cmd/s, which almost coincides with the values
recommended in [5, 6], respectively.

Thus, both the theory and experiment indicate the
presence of an additional mechanism behind VVV energy
exchange between molecules in lower excited states,
this mechanism indirectly influencing the form of the
EEDF. For the nonequilibrium glow discharge plasma,
a consistent description of the electronic component
kineticsand vibrational kineticsisonly possibleif elec-
tron collisions of the first and second kind with vibra-
tionally excited molecules and VV exchange in the
states with quantum numbers v = 0 and 1 are taken into
consideration concurrently.
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Fig. 3. EEDF in the glow discharge nitrogen plasma: (@)
E/N=60Td, T, =3800K; (b) EEN=80Td, T, = 4000 K;
and (c) E/N = 140 Td, T, = 4000 K. Lines, calculation;
squares, data points [10, 11].

As follows from calculations, the production of
atoms affectsthe EEDF insignificantly when the degree
of dissociation of molecules does not exceed 103. VT
mol ecule—atom relaxation also remains the MVDF for
the first eight to ten vibrational levels and, hence, the
EEDF is unaffected.

As E/N exceeds 70 Td, the electron energy is spent
mostly on the excitation of electron degrees of freedom,
as well as on dissociation and ionization of molecules.
At E/N = 80 and 140 Td, variation of the vibrational
temperature changes the EEDF only dlightly. As fol-
lowsfrom Figs. 3b and 3c, good agreement between the
calculation and experiment is achieved when T, is no
higher than 4000 K.

The calculated values of drift velocity v and char-

acteristic temperature D/u of electrons are consistent
with reference data [26] in the range E/N = 10-85 Td.
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Fig. 4. MVDF in the glow discharge. Data points are taken
from (W) [27], (+) [22], and (@) [28]. Computational results
are shown by solid lines. Boltzmann distribution: T,, = (1)
5300, (2) 4320, and (3) 2850 K. Treanor distribution: (4)
T, =5300K, T;, =530K; (5) T, =4320K, T, =530 K; and
(6) T, = 2850 K, Ty, = 395 K. (7-9) Calculation by the
model adopted in this work. v is the vibrational quantum
number.

Molecule vibrational distribution function and
gas heating. Table 1 and Figs. 4 and 5 compare the
computational results for the MVDF, T, and T, with
the measurements performed in thiswork andin [4, 22,
27, 28]. Figure 5 shows the evolution of T, fromitsini-
tial (at the time the discharge is initiated) to a steady-
state value.

The experimental data listed in Table 1 were
obtained in the positive column of the glow discharge
plasmaat the cell axis. Superscripts Ol and CARS indi-
cate that associated T, and T, were measured by the
methods of optical interferometry and CARS, respec-
tively.

Temperatures T.°F° and TS*° were found from

the populations of rotational and first two vibrational
levels that were determined from the CARS spectra.
The solid linesin Fig. 4 refer to the MV DFs calculated
according to the kinetic model, as well as to the Boltz-
mann and Treanor distributions.

Residence time t of nitrogen molecules in the dis-
charge zone listed in Table 1 coincides with the time of
setting the quasi-stationary values of T, and T,, which
characterize the MVDF in the positive column. The
quasi-stationary values of T, at pressures of 15 and
20 Torr are presented in Table 1 and in Figs. Saand 5b.
Figure 5 also shows the experimental time dependence
of the current that was used in calculating T,,. The cal-
culation and measurements of T,, and T, indicate that
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the quasi-stationary MVDFs for the first two vibra-
tiona levels and quasi-stationary T, are set within 15—
20 ms.

The setting time for T,, and T, seems to depend on
experimental conditions and is specified, directly or
indirectly, by gas pressure p, wall temperature T, elec-
tron concentration N,, reduced electric field E/N (which
characterizes the discharge-sustaining power supply),
probability y, of heterogeneous deactivation of the mol-
ecule vibrational energy, discharge tube radius R, posi-
tive column length L, and gas flow velocity (all the ini-
tial parametersarelisted in Table 1). Thislist should be
supplemented by other important parameters, namely,
reaction rate constants K; (which are related to the
EEDF), T, T,, and elastic and inelastic cross sections.

The parenthetic figures by thevaluesof T, and T, in
Table 1 are probabilities y, of vibrational energy heter-
ogeneous deactivation based on which the temperatures
were calculated. The evolution of the MVDF and the
gas heating kinetics (Figs. 4 and 5, respectively) were

constructed using VV exchange rate constant K¢, taken

from [6, 25, 33]. In addition, we dlightly modified the
approximated dependence of VV exchange rate con-
stants on T, and v (that was suggested in [37]) to
achieve a good quantitative fit to experimental data.

Figure 6 demonstrates the MVDF evolution calcu-
lated with the aim of analyzing gas heating. Within time
interval t =107-2.0 x 103 s(solid lines 1-5), the el ec-
tron energy is spent mostly on thevibrational excitation
of moleculesin the stateswith v = 1-10 (eV processes).
The populations of these levels obey the Boltzmann
distribution with a vibrational temperature markedly
differing from temperature T, of the first vibrational
level. The kink in the MVDF curve indicates that the
initial stage of the MV DF evolutionisduelargely to the
impact-induced excitation and de-excitation of molec-
ular vibrational states. It should be noted that the results
of calculating the MV DF evolution at the initial stage
of gas heating in the glow discharge plasma qualita-
tively agree with those obtained in [25].

Fromtimeinstant t > 3 x 102 s(line 6), the redistri-
bution of molecules over lower vibrational levels pro-
ceeds via competition of eV processes and near-reso-
nance VV exchange. For lower levels (v = 1-5), the
MVDF asafunction of T, and T, is approximated well
by the Treanor distribution, which remains valid with
time.

As follows from the calculations in terms of our
model, for discharge tube radius R = 1.8 cm and pres-
sures ranging from 3.5 to 9.0 Torr, the effect of VW
deactivation and diffusion of molecules on the popula-
tions of vibrational levels v = 1-5 isinsignificant com-
pared with that of resonance VV exchange and eV pro-
cesses. At t > 3 x 103 s, the form of the MVDF for
lower vibrational levelsturnsout to be dightly sensitive
to the way of their excitation. Thisis because the char-
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Fig. 5. Relative current 1/14 and relative gas temperature
T/ Ty, vs. time at the stage of discharge formation. Symbols,
data points; solid lines, approximation of 1/14 and calcula-
tion of Ty/T,,. (8) p=20Torr, I4=30mA and (b) p=15Torr,
Ig=50mA.

acteristic timesof nitrogen molecule redistribution over
lower levels as a result of resonance VV exchange
become much shorter than those of VW deactivation
and diffusion of the molecules, as well as the times of
impact-induced excitation and deexcitation of impact-
excited molecules [1]. The Treanor form of the MV DF
(curves 4—6 in Fig. 6) and the weak dependence of the
vibrational temperature on molecul e deactivation prob-
ability y, when vy, varies by one order of magnitude
(Table 1), are direct evidence for the dominance of VW
exchange processes.

Table 2 lists rate constants Ky of VWV exchange that
were used in comparing the measured and calculated
values of quasi-stationary T,. As Kjo grows, vibra-
tional temperature T, decreases noticeably. Contrasting
the experimental and calculated values of the vibra
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Fig. 6. MVDF at the stage of gasheating at p= 7 Torr. Time
instants are (1) 1077, (2) 10°%, (3) 1074, (4) 1073, (5) 2 x 107,
(6) 3% 1073, (7) 4% 1073, (8) 6x 1073, (9) 7 x 1073, (10) 8 x
1073, (11) 15 x 1073, and (12) 15.5 x 1073 s,

tional temperature, one can see that they are in quanti-

tative agreement for VV exchange rate constant Ko =

9 x 1015 cm?/s, which is consistent with measurement
and calculations performed elsewhere [6, 25, 33]. Note
that the kinetic model in terms of which the EEDF is
calculated in our work yields results similar to those
obtained in [6], where the EEDF was assumed to be
Maxwellian.

The results obtained in terms of the kinetic model
aresummarized in Table 1. It is seen that the calcul ated
values of vibrational temperature T, are one order of
magnitude higher than the calculated values of T,. As
the pressure grows from 3 to 10 Torr, the vibrational
temperature varies between 3700 and 4400 K.

The values of the vibrational temperature obtained
under experimental conditions [22] far exceed the val-
ues measured in[28]. Thismay be explained by the fact
that the electron concentration in [28] is much higher
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than in the experiment [22]. The fact that, in [28], T,
and T, appreciably drop with increasing deactivation
probability y, may be explained by asmall radius of the
discharge tube used in those experiments (as follows
from Table 1). Furthermore, asfollows from Fig. 4, the
MVDF measured in [28] at v > 6 deviates markedly
from the Treanor distribution. In this case, it becomes
difficult to discriminate between effects due to VWV
exchange and impact-induced activation/deactivation
of molecular vibrational levels and effects due to pro-
cesses at the discharge cell walls. However, the calcul a-
tions of T, and T, performed for the experimental con-
ditions [22] show that, as the pressure grows, the vy,
dependence of the temperatures becomes less pro-
nounced.

At times far exceeding t = 3 ms (Fig. 6), molecules
pass from lower to higher (v = 10) vibrational levels
because of fast VV exchange, forming a plateau in the
MVDF (curves 6-12). As the plateau forms, T, at
higher vibrational levels increases (see Fig. 5). The
form of the MV DF is specified by competition between
nonresonance VV energy exchange between molecules
and VT processes. Specifically, the latter form the
MVDF tail for v = 15, which is approximated well by
the Boltzmann distribution with a temperature close to
the trandational temperature. Nonresonance VWV
exchange plays a significant role in increasing T, it
transfers amajor part of the energy from vibrational to
trandlational degrees of freedom because of molecule
vibration anharmonicity.

In the time interval 4-10 ms (curves 7-10), the cal-
culated (using the VV exchange rate constants taken
from [6, 25, 33] and the approximation suggested in
[37]) and measured rates of rise of T, are nearly the
same, =50 K/ms. Therate of rise of T, isrelated to non-
resonance VV energy exchange between molecules in
lower and higher (10 < v < 15) vibrational states. For
T, = 300-500 K, the contribution of VT molecule-mol-
ecule and molecule-atom relaxation to heating is as
low aslessthan several percent of the total energy dep-
osition into trandational and vibrational degrees of
freedom.

Under our experimental conditions, atoms are pro-
duced mainly by direct impact-induced dissociation
and also through electron levels with passage to repul-

Table 2
_ T, calculated using published datafor K2 x 1074, cm®/s (first row)
Experimental data

[6, 25, 33] [13] [34] [35] [36]

p, Torr T, K 09 2.6 5.0 10 15

35 3790 £ 350 3764 3384 3266 3147 3093

7 4320 + 360 4230 3642 3495 3356 3278

9.5 4270 + 370 4183 3578 3451 3330 3266
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siveterms. The effect of molecular dissociation through
vibrational excitation and atomic losses due to volume
recombination is minor. According to calculations, the
fraction of dissociated moleculesin the discharge posi-
tive column does not exceed 10°-10 by the timet =
10 ms. Thus, at such alow nitrogen molecule dissocia
tion, the significance of channels for VT molecule-
atom relaxation is low in terms of our model and,
hence, VT relaxation has a negligible effect on the
vibrational excitation and gas heating dynamics.

As follows from calculations, the processes involv-
ing nitrogen molecules and atoms in impact-excited
states (see [25]) also contribute insignificantly to gas
heating. For example, the occupation of impact-excited
state B3, of a nitrogen molecule through collisions of

molecules in states A%, and X'Z; (3 < v < 15) does
not have a considerable effect on the gas heating
dynamics. Neither do gas heating reactions involving
atoms in metastable state 2P and molecules in states

xlz; for v > 8, aswell asreactionswith the participa-
tion of moleculesin state A3Y;, .

By the time t = 8-10 ms, thermal losses calculated
for our experimental conditions do not exceed 20% of
the heat release associated to nonresonance VV
exchange.

For T,, = 600-1000 K, the contributions of VT mol-
ecule—-molecule relaxation and VV molecule-molecule
exchange become comparable and are roughly com-
pensated by thermal losses. As the pressure rises from
7 to 30 Torr, the values of T, both calculated for and
measured at the quasi-stationary distribution of the
glow discharge plasma parameters monotonically grow
from 450 to 1300 K. At p > 10 Torr and at the same dis-
charge current (50 mA) and E/N = 50-60 Td, the values
of T, calculated and measured in thiswork and in [14]
divergeonly slightly in spiteof alargedifferenceindis-
charge cell radius. Thisisrelated to the fact that we are
dealing with the contracted discharge. At p > 15 Torr,
the glow is filamentary and is observed (localized) at
the axis of the discharge cell. In this case, the thermal
balance in the quasi-stationary positive column is con-
trolled largely by relaxation processes taking place
within a small area near the discharge axis, where the
electron concentration is maximal. The wall cooling
conditions influence the thermal balance to a small
extent. For t > 20 ms, the values of T,, measured in this
work and in [14] and calculated using the vibrational—
trandational relaxation rate constants taken from [37]
guantitatively coincide, as follows from Table 1.

It should be noted that the use of rate constants and
cross sections other than those employed in the kinetic
model may cause disagreement with our results. Partic-
ular emphasis should be on processes with a high exci-
tation threshold, the correct description of which
requires insight into the high-energy part of the EEDF.
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Abstract—A mechanism of unidirectional anisotropy formation in an exchange-coupled ferromagnetic—ferri-
magnetic film structure with orthogonal effective magnetizations in the layers is investigated. The reason for
unidirectional anisotropy is the magnetic heterogeneity of the ferrimagnetic layer in the compensation range.
Magnetization reversal in the magnetically soft layer of an (REE—transition metal)/NiFe film structure is dis-
cussed based on amodel of uniform rotation of magnetization. It isfound that unidirectional anisotropy sharply
decreases the magnetic noise level in the magnetically soft layer. The field of application of these materiasis

outlined. © 2005 Pleiades Publishing, Inc.

Exchangeinteraction between magnetically soft and
magnetically hard layers imparts intriguing properties
to related structures, which are of great fundamental
and applied interest. One of these properties is unidi-
rectional exchange anisotropy in the magnetically soft
layer, which shifts hysteresis loop AH along the mag-
netic field axis. Although this effect was discovered
50 years ago [1], it has not been yet completely under-
stood. Therefore, to gain adeeper insight into the nature
of unidirectional anisotropy remains atopical problem.
Hot interest in these materials as candidates, e.g., for
magnetic memory devices [2], spintronics devices [3],
and magnetic sensors [4] is giving an additional impe-
tusto research in thisfield.

Unidirectional exchange anisotropy has been stud-
ied mostly in ferromagnetic—antiferromagnetic
(FM/AFM) film structures [5]. However, a number of
disadvantages limit the application of these materials
[6]. These are a poor temperature stability of AH, an
increased coercive force of the magnetically soft layer
compared with that of aone-layer FM film, and the evo-
[ution of the hysteresisloop with the number of a mag-
netization reversal cycle.

At the beginning of the 1980s, unidirectional anisot-
ropy was discovered [7] in aTbFe/NiFeferromagnetic—
ferrimagnetic (FOM/FiM) film structure. These struc-
tures attracted attention, since they, on the one hand,
lack the disadvantages typical of their FM/AFM coun-
terparts and, on the other hand, unidirectional anisot-
ropy here appears in layers with orthogonal effective
magnetizations. A large body of data concerning inves-
tigation and application of FOM/FiIM structures has
been gained in recent years [8-15]. In our opinion, itis

an appropriate timeto analyze the state of the art in this
field. In this work, we consider the nature of unidirec-
tional anisotropy, its effect on the magnetic perfor-
mance of the FM layer, and applications of FOM/FiM
strictures.

MECHANISMS OF UNIDIRECTIONAL
ANISOTROPY FORMATION

The phenomenological description of the effect of
unidirectional exchange anisotropy is straightforward.
It is based on the assumption that the magnetic
moments at the interface are collinear,

jM{ M, = IM;M,cos(M;M,). (1)

In [7], where the existence of unidirectional anisot-
ropy in a ThFe, _,/NiFe exchange-coupled film struc-
ture with orthogonal effective magnetizations of the
layers was reported for the first time, we applied some
considerationsto the origin of this effect. It was conjec-
tured that an amorphous ferrimagnetic layer may have
the in-plane magnetization component resulting, for
example, from a chemical inhomogeneity across the
amorphousalloy film. Thisinhomogeneity, in turn, pro-
duces a compensation plane, in which the magnetiza-
tion reverses.

Further investigations into the chemical composi-
tion of REE~transition meta (REE-TM) amorphous
alloy films obtained by thermal evaporation have
shown, however, that a concentration gradient normal
to the plane is absent in such films. Therefore, other
mechanisms come to the fore. For example, the in-
plane magnetization component in amorphous REE—

1063-7842/05/5012-1605$26.00 © 2005 Pleiades Publishing, Inc.



1606
AH, Oe (a)
20+ |
| MM,
10} iy,
|_Lj op #
0 L L L L L
M/MO xcomp |
Hog—r |
~10} ] |
0| AH / H
I I
-20 1 1 11 1 1
15.0 17.5 20.0 22.5 25.0 27.5

Dy concentration, at.%

(b)

— —> —> NiFe — —>
o

) A W

x<22at. % x>22at. %

@)1 (] 1
[@au (@]

Fig. 1. (a) Hysteresis|oop and concentration dependence of
biasfield AH(x) and (b) the orientation scheme for the mag-
netizations of 3d metas in exchange-coupled DyCo/NiFe
film structures. A, substrate; |, matrix; and I, impurity.

TM films, which are characterized by perpendicular
anisotropy, may be dueto alocal dispersion of the mag-
netic anisotropy axis. As aresult, the genera direction
of the easy magnetic axis deviated from the normal to
the film surface. If such a mechanism works and the
composition of the REE-TM film is off-compensation,
the amount of unidirectional anisotropy in exchange-
coupled (REE-TM)/NiFe film structures is bound to
grow, being minimal in those where the easy magnetic
axis of the amorphous REE-TM layer liesin the plane
of the film. However, our investigations [14], aswell as
those carried out by other authors[9, 11], show that the
reverseistrue. In (REE-TM)/NiFe structures, unidirec-
tional anisotropy exists only in that concentration range
of the amorphous alloy where perpendicular anisotropy
inthe REE-TM layer is observed.

The existence of unidirectional anisotropy in
Th,Fe,_/NiFe and Dy,Co,_,/NiFe film structures,
which was first discovered in [7], indicates a specific
magnetic microstructure of REE-TM layers. Namely,
Dy,Co; _, and Th,Fe, _, aloys show nanoareas where
the magnetization vector of the 3d metal sublattice has
the in-plane component, and it is this component that
takes part in exchange interaction with the FM layer of
NiFe alloy.

To establish factors causing the in-plane component
of the 3d metal sublatticein REE-TM alloy with layers

FROLOV et al.

that have near-compensation compositions and feature
a high degree of integral perpendicular anisotropy is a
challenge. Thisisbecause the amorphous ferrimagnetic
REE-TM adlloy has a low saturation magnetization
(Mg — 0) and a high magnetic hardness (for example,
the coercivefield in the (REE-TM)/DyCo alloy may be
ashigh as> 10 kOe). In light of this, we suggested that
the physical properties of such magnetically hard mate-
rials be studied on NiFe/Dy,Co,; _/NiFe multilayer
exchange-coupled film structures where the Dy,Co; _,
layer is much thinner than NiFe, dpyc, < dyire
Exchange interaction between the Co sublattice of the
ferrimagnetic aloy and the NiFe layer substantialy
maodifies the magneti c performance of such awell-stud-
ied alloy as NiFe.

Based on the measurements of the dynamic and
static magnetic characteristics of NiFe/Dy,Co, _/NiFe
composites, we developed a microheterogeneous
model of the DyCo amorphous layer [15, 16]. The
DyCo specific microstructure in the compensation
range that follows from this model has allowed us to
explain experimental data for FM resonance (FMR)
and spin-wave resonance (SWR). To find specific fea
tures of DyCo, we (i) prepared NiFe/DyCo/NiFe three-
layer structures with unidirectional exchange anisot-
ropy and orthogonal effective magnetizations of the
layers, (ii) studied the FMR and SWR spectra of these
structures, and (iii) found that the spin system of the
amorphous DyCo aloy in the concentration range of
magnetic compensation can be represented in the form
of two subsystems with the TM magnetization prevail-
ing in one of them (nanophase ®,) and the REE magne-
tization in the other (nanophase ®,). This model
embodies the basic structural feature of amorphous
alloys. natura fluctuation (topological and composi-
tion) inhomogeneity. In the concentration ranges x; +
AX < Xgomp (Matrix ®;) and X £ AX > Xeomp (Matrix @),
the magnetic microstructures of amorphous ferrimag-
nets will differ substantially from the magnetic micro-
structure in the range X, — AX < Xgomp < X + AX. In this
case, magnetic compensation point X.,m, is defined by

the condition M= pr;f)l) + qM;qf’Z) =0, where p and

g arethe volume fractions of nanophases ®, and @, and

M,(;f)l) and ME;Z) are the effective magnetizations of

these phases at x; — Ax and x; + Ax, respectively.

Figure 1 shows the experimental dependences of
shift AH(x) of the hysteresis loop on the REE concen-
tration in a planar DyCo/NiFe structure and the distri-
butions of nanophases @, and @, in the DyCo layer. It
is seen that the curve AH(X) for the Dy,Co, _/NiFe
structure is described by the asymmetric function
AH(X —Xgomp) @d has singular points: the coordinate of
the zero (minimal value of AH) and extreme points.
Also, it is seen that AH(X) in this planar structure
reaches amaximum at x = 19 at.% for undercompensa
No. 12
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tion compositions of DyCo and x = 24 at.% for over-
compensation compositions.

The above results are readily explained in terms of
the suggested model of amorphous DyCo alloy struc-
turein the magnetic compensation range. Indeed, inthe
REE-TM concentration range x < 16 a.% (X =
27 at.%), the magnetic structure of amorphous DyCoiis
completely specified by magnetic nanophase ®, (P,).
Hence, the magnetic moments of the Co and Dy sublat-
tices are collinear with the perpendicular anisotropy
axisinthe DyCo layer and, as a consequence, the effec-
tive magnetizations of the DyCo and NiFe layers are
mutually orthogona (exchange coupling is absent).
Such a situation takes place in the concentration range
X —AX < Xeomp < X + AX. Here, the magnetic structure of
DyCoisformed by randomly mixed nanophases ®, and
@,. If phase @, isamatrix, phase ®, isan impurity and
vice versa. The only exception is compensation point
Xeomp» Where the volume fractions of the phases are
roughly the same.

At any concentration x; from the above range, the
effective magnetization of matrix phase @; in the DyCo
layer is aligned with the perpendicular anisotropy field
(M, and Mp, are collinear with this field (as indicated
by the polar Kerr effect). In this case, the magnetization
of the Co sublattice, Mc,, in impurity nanophase @
must have the in-plane component because of exchange
interaction between the transition elementsin theimpu-
rity and matrix and the effective magnetization of
nanophase ®; has a chance to align with an external
magnetic field. We bdieve that exchange interaction
between magnetization Mc, of impurity phase ®; inthe
DyCo layer and the magnetization of the NiFe layer
resultsin exchange unidirectional anisotropy in NiFe.

The form of the experimental dependencein Fig. 1
(asymmetry about X.,m,) can also be treated in terms of
our model. In this planar system, a Dy,Co,_, layer
forms where the magnetization of the matrix phase is
aligned with the perpendicular anisotropy axis, while
the effective magnetization of the impurity phaseliesin
the plane of the payer. When aNiFe overlayer isgrown,
apermanent magnetic field is switched on to specify the
easy direction and the effective magnetization of the
impurity phase in the Dy,Co, _, layer is aligned with
thisfield and, hence, with the unidirectional anisotropy
axisin NiFe. In the range X < Xgomp, the impurity phase
meets the inequality Mc, < Mp,, while at X > X g, the
inverse inequality isvalid. This meansthat, at X < Xeomp,
the magnetization vectors of the Co sublattice and NiFe
layer are anticollinear, whereas, at x > Xcomps they are
codirected (see Fig. 1b). That is why the sign of AH
changes in going through concentration Xg,m, (Fig. 1a).
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Fig. 2. (8) Angular dependence of AH and (b) dependence
of the hysteresis loop on Hp in the exchange-coupled
DyCo/NiFe film structure.

QUASI-STATIC MAGNETIZATION REVERSAL
IN FERROMAGNETIC-FERRIMAGNETIC FILM
STRUCTURES

In exchange-coupled structures, the state of one
layer may substantially affect the state of another. For
example, direct exchange interaction between ferro-
magnetic layers (positive coupling) with different
degrees of anisotropy may lead to the situation where
both layers experiencing magnetization reversal will
behave as a whole with a coercive force intermediate
between the coercive forces of the layers [6]. In
FM/AFM film structures, unidirectional anisotropy
shifts the hysteresis loop, results in only one easy axis,
stabilizes the domain structure of the ferromagnetic
layer, etc. [17, 18].

In FOM/FiM structures, the magnetization reversal
process somewhat differs from that in FM/AFM films.
Figure 2a shows the angular dependence of the hyster-
esis loop for a DyCo/NiFe film (the layer thicknesses
are, respectively, 70 and 210 nm; the easy axis coin-
cides with the unidirectional anisotropy axis). In the
easy axis direction (a = 0), the hysteresis loop is the
widest (H, =2 Oe) and is shifted along the field axis by
AH =10.5 Oe. Asangle a increases, the loop gets thin-
ner and collapses at a = 25° (in the range 25°-90°, the
process of magnetization reversal is hysteresis-free).
The shift also decreases, and, at a = 90°, the “loop”
becomes symmetric (the anisotropy field determined
from this curveis H, = 15 Oe).

Figure 2b demonstrates the variation of the hystere-
sis loop for the same film when permanent magnetic
field H is applied aong the hard axis. At H; = 4 Oe,
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the loop collapses and takes the form of the magnetiza-
tion reversal curvefor a =25°. At H;=H_,=15 Oe, the
loop is still asymmetric.

Such an observation (collapsed hysteresisoop) dif-
fers from experimental data obtained on NiFe/FeMn
films[17]. Magnetization reversal curves taken of two-
layer exchange-coupled structures are usually treatedin
terms of the model assuming that the magnetization
vector of one layer is fixed, while the magnetization
vector of the other spirals under the action of an exter-
nal magnetic field [19, 20]. The analytical solution pre-
sented in [20] givesthe following results. If magnetiza-
tion reversal takes place aong the easy axis (a = 0) in
films with dgy, < d, the hysteresis loop collapses and
shifts along the field axis. In films with dg, > d, the
loop “opens up” and expands with dqy,. (Here, d, =

2A/M5HadﬁM > 12/1%, where A is the exchange interac-
tion constant and M, H,, and dq, are, respectively, the

saturation magnetization, anisotropy field, and thick-
ness of the magnetically soft layer.)

However, in none of the numerous experiments
where magnetization reversal took place along the easy
axisin FM/AFM and FoM/FiM structures did the hys-
teresisloop collapse even for AH > Hc. The reason for
the discrepancy between the analytical and experimen-
tal data seems to be an inadequate estimate of d. For
an exchange-coupled structure with parameters M, =
800 G and H, = 3 Oe for the magnetically soft material
and exchange constant A = 106 erg/cm?, the critical
thickness was estimated as d.,, = 260 nm [20]. At the
same time, experiments with NiFe/FeMn films showed
that the exchange constant is two orders of magnitude
smaller [21]; that is, d., = 3 nm. However, the hysteresis
loop did not collapse even when magnetization reversal

By, nT/Hz!?

100 -

[N}
(=
T

1 1
0 2 4 6
AH; Hy, Oe

Fig. 3. Magnetic noise intensity (1) in the exchange-cou-
pled DyCo/NiFe film structure vs. the amount of unidirec-
tional anisotropy AH and (2) in the reference NiFe film vs.
applied permanent magnetic field Hg.
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along the easy axis took place in structures with dg,
(dnire) < 3M [21].

Another model of quasi-static magnetization rever-
sal in exchange-coupled structures that assumes coher-
ent rotation of the magnetization in amagnetically soft
layer was suggested in [17]. Here, the interaction
between the layersis described in terms of specific sur-
face energy E.. In this case, we dea with thickness-
averaged unidirectional anisotropy, the amount of
which is inversely proportional to the thickness of the
magnetically soft layer. Such a dependence of AH on
the thickness of the magnetically soft layer isconfirmed
experimentally [9, 11]. When external magnetic field H
is applied to the plane of the film at angle a to the easy
axis, magnetization M of the magnetically soft layer
rotates through angle 3 relative to the easy axis. Then,
the energy of the FM layer can be written in the form

. E
= —HMcos¢ + E,sin’p — —= cosp, 2
dem
where ¢ = o — 3 and E, isthe unidirectional anisotropy
constant.

Using the standard computational method, we
derived an expression for the hysteresis loop for any a
(except a = 0 and ). It was found that the loop col-
lapses at certain o > a,, o, depending on ratio AH/H,,
where AH = E/Mdg,,. This model leads us to conclude
that, first, magnetization reversal at an angleto the easy
axis of an FM layer may proceed by rotation of vector
M and, second, unidirectional anisotropy can be simu-
lated by permanent magnetic field H = AH. Both con-
clusions were corroborated in experiments, which
means that the model adequately describes quasi-static
magnetization reversal in exchange-coupled structures.

MAGNETIC NOISE IN FERROMAGNETIC-
FERRIMAGNETIC FILM STRUCTURES

It isknown that the magnetic noisein thin-film mag-
netic devices can be depressed, e.g., by applying amag-
netic field, which makes the process of magnetization
reversal more uniform. The same results can be
obtained using structures with unidirectional anisot-
ropy.

We performed special experiments to see how the
external magnetic field and unidirectional anisotropy
influence the magnetic noise in Permalloy films
[22, 23]. The abject of interest was fluctuations of the
transverse emf in the presence of a constant bias (H,,
AH) applied aong the easy magnetic axis or ahigh-fre-
quency field (Hy < Hg, Ho) applied along the hard mag-
netic axis.

Figure 3 showsthe variation of magnetic noise By in
the NiFe film incorporated into an exchange-coupled
DyCo/NiFe structure 500 nm thick with bias field AH
(curve 1) and in a reference NiFe film magnetized by
magnetic field Hy (curve 2).
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As follows from Fig. 3, the magnetic noise in the
exchange-coupled film structure is much lower than in
the reference film. Presumably, unidirectional anisot-
ropy isnot totally equivalent (is superior) to the applied
field in efficiency and exchange interaction in the struc-
ture makes the process of magnetization reversal in the
magnetic layer more uniform.

APPLICATION OF EXCHANGE-COUPLED
STRUCTURES

Film magnetic materials have found wide applica
tioninvariousfields of technology [2—4]. Here, we will
concentrate on using (REE-TM)/NiFe FoM/FiM struc-
tures with unidirectional anisotropy as magnetooptic
memory devices and weak-field magnetic sensors.

Memory devices. Itisbelieved that, inthisfield, the
film structures under consideration may decrease the
power consumption and raise the speed of datawriting
and erasing.

Magnetooptic data writing on films with a magneti-
zation normal to the film surface isin common use in
disk storages of PCs. Data writing and erasing is
accomplished by the thermomagnetic method in writ-
ing magnetic field H; = 400-500 Oe applied normally
to thefilm (Fig. 4).

As materials for magnetooptic data carriers, REE—
TM aloys are usually employed. Their basic disadvan-
tagesare (i) the need to apply high writing/erasing mag-
netic fields, which influence the electrodynamic sus-
pension of the focusing lens holder and (ii) alarge time
delay between writing and erasing, which depends on
the inductance of the magnetic field source winding
[24].

We suggest another approach [16] to writing magne-
tooptic information on REE-TM/NiFe FOM/FiM struc-
tures with exchange anisotropy (see Fig. 5).Writing
magnetic field H,,, > Hc + AH (10-15 Oe) is applied to
aFoM/FiM structure (Fig. 5a) antiparallel to the initia
magnetization in layer 3 (Fig. 5b). The magnetization
of layer 3 reverses, while that of layer 2 does not. After
layer 2 has been locally heated by athermal pulseto a
temperature close to Curie temperature T, the heated
areaturns into the paramagnetic state (Fig. 5¢) and the
magnetic state of layer 3 remains unchanged, since T
of NiFe is much higher than T, of DyCo. Due to
exchange interaction between layers 2 and 3 (during
cooling), the magnetization of the heated area of layer
2 reverses in accordance with the magnetization direc-
tion in the NiFelayer (Fig. 5d). After the thermal pulse
is terminated and the writing field is switched off, the
inverted state of the magnetic moment of the heated
areain layer 2 persists (which corresponds to writing a
bit of information), while the magnetization of thelocal
areain layer 3 takeson anonequilibrium (helical) struc-
ture (Fig. 5d), representing a compressed “ spin spring.”
Data readout is accomplished using the polar Kerr
effect.
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Hu —  Hu
er < HC(T < TC) er < HC(T = TC) er = O(T < TC)

Fig. 4. Thermomagnetic data writing on REE-TM films
with perpendicular magnetic anisotropy. A, substrate; B,
radiation; and C, domain.

AMAAA

— Hy>Hc+ AH

Fig. 5. Thermomagnetic data writing on exchange-coupled
(REE-TM)/NiFefilm structures. A-C, thesame asin Fig. 4.

To erase information, it suffices to heat the same
local areaof layer 2 to the Curie temperature. Exchange
interaction between this area and layer 3 then disap-
pears, and the magnetization of thelocal areain layer 3
becomes aligned with the magnetization of the entire
layer (“the helix untwists’). After the pulse is termi-
nated and thelocal areaof layer 2 cools, the magnetiza-
tion of this area changes sense because of exchange
interaction with layer 3 and the information is erased.

Thus, in our approach, writing magnetic field H,,, =
Hc + AH ismuch lower than thewriting field in the case
of standard REE-TM films. Moreover, data erasing
doesnot requireamagneticfield at all. Accordingly, the
magnetic field energy spent on data writing/erasing
substantially decreases. At the sametime, alow writing
magnetic field, which makes it possible to generate H,
pulses as short as several nanoseconds, and no need for
switching the magnetic field at writing and/or erasing
provide a higher speed of the processes. It should be
emphasized that al the related advantages of REE-TM
layers are retained.
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Film magnetometers. FOM/FIM structures with
unidirectional anisotropy were used to design a weak-
field magnetic detector and study the dependence of the
magnetic noise of this device on the static characteris-
tics of the film magnetic structure and on excitation
modes [22, 23]. The operating principle of this magne-
tometer is akin to that of a bubble magnetometer [25].
However, an exchange-coupled film structure used as a
sensitive element made it possible to considerably sup-
press the low-frequency noise, which was found to be
=2 x 10711 T/HZ'? at a frequency of 1 Hz. The device
was put to field tests, which showsthat it can be applied
in geophysics, specifically, in geoelectrical prospecting
of shallow ore-bearing rocks and in shallow oil-and-gas
prospecting [12].

CONCLUSIONS

We touched upon three issues concerning exchange-
coupled FoM/FiM film structures consisting of a mag-
netically hard material (amorphous films of REE-TM
aloys) and a magnetically soft Permalloy film. These
are the mechanism of formation of exchange coupling
between the layers, the magnetic properties of the
structures, and application of the structures. In spite of
extensive investigation, the problems considered here
still need greater insight. However, wide application of
these composites stimulates further effort in thisfield.
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Abstract—An electron—optical system generating arectilinear or helical 250 keV/4 A/10 pselectron beam with
ahigh compression factor is developed. For theformer beam, acompression factor as high as 4400 and acurrent
density of 25 kA/cm? are achieved. In the process of forming the helical beam, the electrons rotating about the
system’s axis (paraxial beam) acquire an initial velocity in a transverse magnetic field produced by a kicker.
Their pitch factor isincreased to a desired (operating) value in an adiabatically growing magnetic field. In ten-
tative experiments with the helical beam in alarge-orbit gyrotron, generation was obtained at the second cyclo-
tron harmonic (223 GHz). © 2005 Pleiades Publishing, Inc.

INTRODUCTION

A challenging problem in microwave electronics is
the devel opment of inexpensive high-power sources of
coherent sub-mm-wave radiation. Associated devices
could extend the capabilities of spectroscopy, solid-
state physics, medicine, and other fields of science and
technology. Along with the unique sources currently
available, such astraditional high-field gyrotrons [1-5]
and sub-mm-wave free-electron lasers [6, 7], the so-
called large-orbit gyrotrons (LOGs) [8-11], which
today operate at centimeter and millimeter waves, seem
to be more promising and, presumably, much simpler
devices. Unlike the traditional gyrotron, the LOG
employs as an active medium not amultihelix beam but
asingle-helix beam all particles of which, when mov-
ing along the resonator’s axis, execute Larmor preces-
sion about it. In an axially symmetric electromagnetic
system, such a paraxial beam is capable of exciting
only those modes whose azimuth index coincides with
the index of the resonance cyclotron harmonic [12-17].
This selection rule considerably thins out the mode
spectrum and thereby simplifiesthe selective excitation
of higher cyclotron harmonics compared with the tradi-
tional gyrotron. Operation at higher harmonics allows
the designer to significantly decrease the intensity of
the operating magnetic field.

Paraxial electron beams used in the LOG basically
cannot be generated in axisymmetric magnetron injec-
tion guns, which are employed in most traditional
gyrotrons. Therefore, in designing LOGs, emphasis
should be on creating el ectron—optical systems (EOSs)
generating a high-current paraxial beam with a high
rotational velocity of the particles and small spreadsin
velocity and guiding centers. Until recently, three types
of LOG have been applied. In each of them, first arec-

tilinear beam is formed and then the particles are
imparted arotational velocity. In early experiments[18,
19], the rotational energy was pumped in a high-fre-
guency electromagnetic field produced by a specia
sweep resonator (a similar EOS is used in magnicons
[20]). In such ascheme, the modulated beam is applied
to the output resonator and the device operates as an
amplifier. In generator circuits, a rectilinear beam is
adiabatically swept in atransverse magnetostatic field.
In cm-wave LOGs [15], the particles of a rectilinear
tubular beam acquire a rotational velocity as they pass
through the region where the guiding magnetic field
abruptly reverses (the cusp of the magnetic field). In a
relativistic LOG operating in the short-wave part of the
millimeter-wave range at the third and fourth cyclotron
harmonics[10], therectilinear beamisformedin ather-
mionic EOS and the initial velocity imparted by a
kicker is then raised to a desired value in an adiabati-
cally growing magnetic field. In this work, we discuss
amodified version of this EOS designed for a submilli-
meter generator and report the results of preliminary
experiments.

DESIGN OF THE MODIFIED ELECTRON-
OPTICAL SYSTEM

Theoreticaly [17], the LOG can selectively operate
at relatively high cyclotron harmonics with indices s =
3-5 when the particle energy is higher than 30 keV pro-
vided that the spread of electron guiding centers, AR,,
and the offset of the beam from the axis do not exceed
0.2\, where A is the radiated wavelength. Also, to
achieve a reasonably high electron efficiency, average
electron pitch factor g = v5/v;, must be no smaller than
1.0-1.2for atransverse velocity spread bel ow 20-30%.

1063-7842/05/5012-1611$26.00 © 2005 Pleiades Publishing, Inc.
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Fig. 1. Modified electron—optical system: (a) genera con-
figuration and (b) schematic of the kicker.

Here, vy and v, are the rotational and trandlationa
components of the particle velocity. At an electron
energy of 30—300 keV, the cross section of the beam in
the working space has the form of a0.2- to 0.25-A-wide
ring with an average radius of (0.1-0.5)A. To operate at
harmonics s = 3-5 with a moderate-length resonator,
the LOG beam current must be on the order of several
amperes. Accordingly, in the submillimeter range, such
abeam will have a density as high as 3-10 kA/cm?. If
the LOG uses athermionic cathode with atypical emis-
sion current density of j. <5A/cm?, such ahigh current
density implies a high compression of the electron
beam.

In this paper, we study the EOS of the relativistic
375-GHz LOG [21], which is an extension of the high-
voltage device developed earlier. With that device, we
succeeded in generating a 10-ps-long dense helical
beam with a particle energy of 250 keV, current of
10 A, and pitch factor of 1.2 [10]. This beam was used
to selectively generate the TE; , mode at the third cyclo-
tron frequency (115 GHz) and the TE,, mode at the
fourth cyclotron frequency (130 GHZz) with an output of
100 kW and an efficiency of 4%. The EOS of this gen-
erator formsahelical electron beam in two steps. First,
it creates a rectilinear beam using a quasi-Pierce diode
gun with a spherical thermionic cathode (Fig. 1a).
Then, the electrons are imparted arotational velocity in
the transverse magnetic field of a kicker produced by
two pairs of rectangular loops placed on both sides of
the beam at a distance of roughly half the Larmor pitch

BRATMAN et al.

(Fig. 1b). Current pulses of duration about 1 msare cre-
ated by discharging a capacitor through the kicker
loops. Charging voltage U, 0N this capacitor controls
the electron transverse velocity. After passing through
the kicker, the particles fall into an adiabatically grow-
ing magnetic field, where their rotational velocity is
increased to adesired value. The compression factor for
the beam’s cross-sectional area can be as high as 1100,
and the rectilinear beam current density may exceed
3 kA/cm?. The successin generating such adense beam
allowed usto expect that, when appropriately modified,
this system can also be used at shorter waves.

In order to decrease ohmic wall losses in the LOG
resonator when going to a much higher frequency, one
has to increase the radial index of the operating mode
to amaximal value permissible for mode selection. Ina
traditional gyrotron resonator operating at the third
cyclotron frequency, the radial index can be increased
from 2 to 5-8. However, at the fourth cyclotron fre-
guency, even the mode with aradia index of 3 has a
much higher starting current and is lossy, so that an
increasein theradial index may excite spurious modes.
Therefore, in our design of the submillimeter LOG, the
operating frequency is the third cyclotron frequency
and operating modes are TE; , modes with high radial
indices, p = 5-8. Under these conditions and at the
same particle energy as earlier (250 keV), a frequency
of 375 GHz can be achieved by raising the magnetic
field in the working space of the gyrotronto B, = 6.6 T,
whichisroughly four times higher than in the early ver-
sion.

Our calculations show that a beam current of 3 A
will sufficefor the generator to efficiently operate at the
above modes with electron pitch factor g = 1. At an
emission current density of 4 A/cm? in aparaxial beam
with atolerable spread of guiding centers, such a cur-
rent strength is achievable at a compression factor of
about 4000. Asin the early version, the magnetic field
at the cathodeisvery weak, about 1.5 mT. Accordingly,
the Larmor pitch of electrons near the cathodeis several
tens of centimeters and the electron cyclotron fre-
guency is less than the plasma frequency of the beam.
Under these conditions, the particles in the growing
magnetic field move nonadiabatically and detailed
numerical simulations with allowance for space charge
forcesmust be carried out. To analyze the beam near the
cathode, we used the EPOS program, which makes it
possible to adequately calculate the particle trgjectories
for agiven configuration of an axisymmetric EOS with
regard to static electric and magnetic fields of the space
charge (for more details, see [22]). As the magnetic
field along the longitudina coordinate grows, the
plasma-to-cyclotron frequency ratio squared and the
Larmor pitch decrease inversely with the field (with
regard to the beam compression factor). Beginning with
field intensity B, at which the cyclotron frequency
becomes equal to the plasma frequency and the Larmor
pitch becomes several times shorter than the character-
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istic scale of variation of the guiding field, the particle
motion can be simulated in terms of the adiabatic the-
ory (except for the kicker region).

At the exit from the cathode region, the nonideality
of the beam can be characterized by itsradial pulsations
or by maximum transverse velocity v, of periphera
electrons. In the EOS under study, the kicker is outside
the cathoderegion; i.e., B, > B,, where B, isthe guiding
field at the kicker. The relative spread of the transverse
velocity of the particles after they have been swept in
the kicker can be estimated by the simple formula[23]

OV = 2Vl Vo, (D)

where v is the maximal spurious transverse velocity
of the electrons before the kicker and vy is the trans-
verse velocity imparted by the kicker to the electrons
moving along the axis.

According to the adiabatic theory, the transverse
velocity relative spread in the working space of the
LOG isthe same. Since the spurioustransverse vel ocity
in the kicker is given by

Vs = Voa(Bi/B)™, 2
and operating transverse velocity v iS
Veo = Vi(Bo/Bi) ™, )

the relative spread can be expressed through the operat-
ing parameters and the parameters at the exit from the
cathode region as

_ 2V, By
OVo = Vo ’\/;a @)

If parameters v, and B, in the cathode region
remain the same when the operating field is increased
by afactor of 4, the transverse velocity spread increases
by a factor of 2, as follows from expression (4). Note
that the position of the kicker outside the cathode
region, where the magnetic field grows, does not affect
the velacity spread. To decrease anecessary Kicker field
and increase the size of the loops, it is reasonable to
place the kicker in the region where the guiding field is
the weakest. In the system devel oped earlier, the kicker
was placed near the cathode boundary, where B, =
04T and the maximum transverse velocity is vy, =
0.06¢. In the new EQOS, the beam current was dimin-
ished to 3 A, which allowed us to decrease the emitter
diameter twofold and, thereby, maintain the velocity
spread at alevel close to that obtained in [10].

The velocity spread of the particles swept in the
kicker depends not only on the transverse velocity but
also on the spread of the guiding center radii (position
spread). For an adjusted paraxial beam, the spread in
the radii isequal to itsradius. In the presence of regular
radial pulsationsin alaminar beam leaving the kicker,
it is reasonable to place the kicker so as to bring into
coincidence a minimum of the transverse field on the
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Fig. 2. Magnetic field distribution in the cathode region and
analytical particle trajectories (a) at a beam current of 3 A
and (b) at avanishingly small beam current.

system’s axis (the center of the kicker) and a minimum
of the beam radius. To this end, we fixed the position of
the kicker and optimized the pul sation phase by dightly
varying the guiding magnetic field in the cathode
region.

In accordance with the aforesaid, the magnetic sys-
tem generating afield in the cathode region, the config-
uration of gun electrodes, the kicker, and the position of
the kicker in the modified design are the same asin the
earlier version of the EOS. At the same time, the diam-
eter of the emitter is reduced by a factor of 2 (to
10 mm); the parameters of the solenoid that produces
an operating magnetic field in the resonator are
changed; and an additional solenoid isincluded, which
matches the magnetic field in the gun and kicker with
the operating magnetic field raised fourfold (Fig. 14).
At an emission current density of 4 A/cm?, the rated
beam current is 3 A and the gun must operate in the
temperature-limited emission mode. To optimize the
phase of electron spurious oscillations at the entrance to
the kicker (B < B,), the magnetic field in the cathode
region was increased with its value immediately at the
cathode remaining the same (about 1.5 mT). In this
case, according to the trgjectory analysis (Fig. 2a), the
maximum velocity of spurious oscillations is vy, =
0.033c and the beam in the kicker hasthe smallest cross
section, which reduces the effect of position spread. In
the kicker region, the effect of the self-field of the beam
is much weaker than in the cathode region (the plasma:
to-cyclotron frequency ratio squared is 0.3); therefore,
the particle motion in the kicker and then in the beam
transport channel to the region of the uniform magnetic
field was simulated without regard to the space charge
forces. This approximation significantly simplifies the
analysis and allows us to use a model based on numer-
ical integration of equations of motion for electronsin
a given three-dimensional magnetic field. As initia
conditions in three-dimensional analysis, we used the
results obtained from the two-dimensional trajectory
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Fig. 3. Beam sweeping in the kicker: pitch factor g, trans-
verse velocity spread &V, and number R of particles
reflected by the magnetic mirror vs. kicker voltage.

analysis of the EOS with the space charge considered in
detail.

According to our calculations, as the current in the
kicker loop increases, the absolute spread in the trans-
verse velocity remains approximately the same (pro-
vided that the electron pitch factor also rises appropri-
ately), while the relative spread decreases (Fig. 3). The
finite value of the transverse velocity absolute spread
that is determined by the cathodic part of the beam-
forming region does not allow us to increase the oper-
ating pitch factor above g, = 1.2. As the kicker volt-
age grows further, the magnetic-mirror-reflected por-
tion of the electrons whose transverse velocity reaches
a final value in the process of subsequent adiabatic
compression becomes too large. At the kicker voltage
corresponding to the average pitch factor (g = 1.15),
when the number of reflected electronsis about 1%, the
transverse velocity relative spread (the rms deviation)
equals 11.5% and the relative width of the transverse
velocity distribution at the base is about 50% (Fig. 4),
which isin good agreement with estimate (4). The cal-
culations show that the modified EOS can generate a
beam acceptable for the 375-GHz LOG.

EXPERIMENTAL RESULTS

The modified EOS was first tested in the weak-cur-
rent mode, which allows visudization of the beam’s
cross section on a phosphor applied on a quartz target.
In this mode, the potential and magnetic field were,
respectively, 2 and 2V2 times lower than their operating
values. Unlike standard simulation conditions, the el ec-
tron current was reduced not by a factor of 232 but to a
very small value of about a milliampere that can pro-

BRATMAN et al.
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Fig. 4. Analytical particle transverse velocity distribution at
kicker voltage Uy = 100 V.

vide the luminescence. At a higher current, the phos-
phor does not withstand a thermal load. If the simula-
tion coefficient had been more than two, the magnetic
field at the cathode would have been too weak (compa-
rable to the terrestrial magnetic field).

Comparative cal culations of the electron trajectories
under the weak-current conditions (without the space
charge, Fig. 2b) and operating conditions (at a current
of 3A, Fig. 2a) demonstrated the significant difference
in the transverse velocity of the particles before the
kicker and in the velocity spread after the kicker. The

Fig. 5. Luminescent spot of the helical beam on the phos-
phor target (the diameter of the dark inner circleis 1.5 mm).

TECHNICAL PHYSICS Vol. 50 No. 12 2005
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Fig. 6. Electron pitch factor measured in the simulation
mode and its calculated value vs. kicker voltage.

average transverse velocities of the particles in the
beam swept by the kicker in these modes were close to
each other. Therefore, the weak-current mode could be
used for both adjusting the beam and estimating the
transverse velocity at different particle energies.

The beam was studied with the phosphor target
placed at a distance of 40 mm from the center of the
kicker. The pitch factor was determined from the size of
the luminescent spot (Fig. 5). The quantities measured
in the weak-current mode and converted to the operat-
ing mode with parameters 250 keV and 6.6 T at differ-
ent kicker currents are in good agreement with the
results of calculations performed for the operating
mode (Fig. 6).

According to the 1-V characteristics of the EOS
obtained in the operating mode at different emitter tem-
peratures, the maximum beam current exceeded 4 A.
Thus, the maximum current density of the rectilinear
beam in the resonator was found to be about
25 kA/cm?; that of the helical beam with a pitch factor
of 1.0, about 2.3 kA/cn?.

In the experiment on excitation of the LOG resona-
tor by the helical beam, the spurious mode at the funda-
mental cyclotron resonance frequency interfered with
the high-radial-index TE; g operating mode excited at
the third cyclotron frequency. At the same time, the
TE,s mode at the second harmonic fregquency
(223 GHz) with an output of 45 kW and an efficiency
of 6% was stable. The detailed comparison of the mea-
sured and analytical LOG output characteristics
showed that the el ectron beam apparently had an appre-
ciable transverse velocity spread (up to 60%) and was
offset from the axis by about 0.2 mm. To make the radi-
ation at the third harmonic frequency stable, it seems

TECHNICAL PHYSICS  Vol. 50

No. 12 2005

1615

necessary to adjust the electron beam more finely and,
presumably, to use alower index operating mode.

CONCLUSIONS

The modified EOS forms a 250-keV/4 A/10 us elec-
tron beam with a high compression factor (4400). The
application of such abeam in the LOG provides stable
excitation at the second cyclotron harmonic frequency
(223 GHz) with an output of 45 kW and an efficiency
of 6%. The caculations show that such an electron
beam can also provide excitation at the third cyclotron
frequency (375 GHz).
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Abstract—The effect of double scattering of Ar* ions from the surface of C, Al, Si, Ti, Ge, and In targetsis
studied by the method of slow scattered ion spectroscopy. Based on this effect, atechnique to estimate the clus-
ter phase of germanium atoms in the Si; _,Ge, solid solution with a small (5-10%) content of germanium is

suggested. © 2005 Pleiades Publishing, Inc.

INTRODUCTION

Diagnostics of elemental inhomogeneity (specifi-
caly, clusters) is a challenging problem in production
of the Si; _,Ge, solid solution, a promising material for
high-speed electronics[1]. Since atomsin clustersor in
regions enriched by any of the constituent elements are
bound to differ in chemical state from those in the
homogeneous solution, it seems natural to use X-ray
photoelectron spectroscopy—the method widely used
for diagnostic purposes. However, as applied to Ge
clusters in the Si; _,Ge, solid solution, this method is
entirely unsuited. The reason is that the binding ener-
gies of core Ge levelsin the bulk Ge crystal [2] (or in
sufficiently high Ge clusters) and in the solid solution
[3] aimost coincide because of similar electronic struc-
tures of germanium and silicon. The elemental inhomo-
geneity can today be estimated only qualitatively by the
methods of transmission and scanning electron micros-
copy, aswell asfrom the plasma oscillation spectrumin
the electron system of clusters[4]; direct techniques to
find the fraction of clustered Ge atomsin the SiGe solid
solution are absent.

In this work, we developed a method of diagnosing
elemental inhomogeneity (determining the amount of
Ge atoms in the cluster phase) in Si; _,Ge, solid solu-
tions. The essence of thismethod is picking out the con-
tribution of ions doubly scattered by Ge atoms from the
mass spectra of slow scattered ions. The doubl e scatter-
ing effect arises in the presence of Ge clusters or Ge-
enriched regions and cannot basically be observed in
the low-Ge homogeneous solid solution. This method
was synopsized in the proceedings of the 16th Interna-
tional Conference on lon—Surface Interaction [5].

lon double scattering is known to be the first orien-
tation effect (discovered as early asin 1965) in experi-
ments on scattering of medium-energy argon ions by a
copper crystal [6]. The energy distribution of the scat-
tered ions has two unequal peaks. The lower energy

peak isrelated to quasi-single scattering of a projectile
by atarget atom. This statement relies on the fact that
the experimental dependence of its energy position on
the scattering angle agrees well with the analytical
curve constructed under the assumption of single elas-
tic scattering of ions by free atoms of the target.
Namely, the run of both curves is the same and the
absolute values differ by inelastic energy lossesin areal
experiment. The term quasi-single scattering here is
used to reflect the fact that afew atoms of a solid target
are actually involved in the scattering event but the
resulting scattering angle depends largely on scattering
by only one of them. Intheliterature, thetermsa singly
scattered ion, a peak corresponding to single scatter-
ing, etc., are usually used to describe this situation.

Under certain conditions, the high-energy part of the
spectrum of ions scattered by a crystal has a peak
whose energy is close to the calculated energy of ions
scattered in agiven direction as aresult of two sequen-
tial ion—target atom collisions. The double scattering
effectisconsidered, e.g., in[7-9]. The issue of how the
atomic distance in the surface layer of solids can be
determined from this effect isdiscussed in[10]. In most
experimental works, the energy of scattered particlesis
found by a time-of-flight technique and both neutral
and charged particles are detected. The disadvantages
of time-of-flight techniques as a surface diagnostics
means are (i) large dimensions of instruments that mea-
surethetime it takes for a scattered particle to fly from
the target to the detector and (ii) the need to apply
pulsed ion beams. The energy of scattered particles is
much easier to analyze using electrostatic analyzers.
However, it isimpossible to detect neutralsin this case,
which constitute a mgjor fraction of the scattered parti-
cle flow (except for the case of alkali metal ion scatter-
ing). Yet, we enlarged on electrostatic analysis, which
allows one to considerably simplify the setup, operate
with a continuous beam of incident ions (projectiles),

1063-7842/05/5012-1617$26.00 © 2005 Pleiades Publishing, Inc.
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and gain statistics in an amount making it possible to
reliably discriminate the desired effect. To choose opti-
mal experimental conditions for the technique sug-
gested, it was necessary to see how the peaks of singly
and doubly scattered ions behave depending on kine-
matic parameters of the process (the angle by which a
projectile is scattered and the projectile-to-target mass
ratio). To this end, we studied the double scattering
effect on C, Al, Si, Ti, Ge, and In targets, i.e., on targets
made of elements entering into most semiconductor
compounds currently used.

EXPERIMENTAL

We measured the energy distributions of scattered
ions after 5-keV Ar* ions had bombarded the surface.
The measurements were taken with the high-vacuum
setup described in [11]. The energy and charge of the
ions scattered by fixed angle O (relative to the primary
beam direction) were analyzed by a Hughes—Rojansky
anayzer with an energy resolution of 9 x 10-3. Theana-
lyzer could be horizontally rotated in the angular range
0 = 0-30°, and the angular resolution of the scattered
ion collimator was 20'. The specular scattering of the
ionswas studied (the angle of incidence is half the scat-
tering angle). The residual pressure in the measuring
chamber was equal to 10-° Torr.

RESULTS AND DISCUSSION

In the first part of this work, we studied the double
scattering of positiveions; in the second one, the feasi-
bility of using this effect for surface analysis of solids.
The contribution of double scattering to the total scat-
tered particle flow is convenient to estimate using
energy peak height ratio I/l versus experimenta
parameters, where |4 and | are the intensities of double
and single scattering, respectively. Monograph [9] cov-
ersexperimentswhereratio | /I isstudied asafunction
of primary (incident) ion energy E,, scattering angle 6,
glancing and azimuth angles, target temperature,
atomic number of a projectile, and charge of the scat-
tered ions.

If the particle energy is analyzed with a time-of-
flight technique, the experimental value of ratio | 4/l can
be directly contrasted with the results of calculation
(computer simulation), since these techniques detect
both the charged and neutral componentsin the scatter-
ing spectrum. If only charged scattered particles are

analyzed, ratio 13 /1; for theion fraction is related to
ratio 14/ls for al the scattered particles as 14/l =

(pe/pg)(15/17), where p; and p; are the respective
fractions of the charged particles scattered by a given
angle as a result of single and double collisions with
surface atoms. It is known that the charge state of a
scattered particle forms away from the surface, since
the particle interacts not with individual target atoms

BABENKO et al.

but with the surface as awhole. Accordingly, the prob-
ability that the scattered particle will be in one charge
state or another depends on such parameters as the
work function of the surface, ionization potential, and
the velocity normal component of the particle leaving

the target [12]. It is then obvious that the values of p;

and p; have to equal each other when the singly and
doubly scattered ions escape the surface at the same
angle, since their velocities differ infinitesimally.

However, for Ar* ions with energies of several kilo-
electron-volts scattered by a polycrystalline Au target
by angle © = 90°, ratio 1/1; turns out to be smaller
than 14/l [13]. The same fact was indicated in [4],
whereAr* ionswere mirror-scattered by a Cu crystal by
0 = 30°. This means that comparing the calculated
value of 14/l with the experimental value of 1/1; for
the charged fraction of the scattered particles may be
incorrect.

In[15], it was suggested that ratio | /1 be calcul ated
by the formula

0(8, Eo)a(6,, Ey)
0(6, Ep)d”

where o(0, E) isthe differential cross section of scatter-
ing an ion with energy E by angle 8, E; is the initial
energy of the ion, E; is the energy of the ion scattered
by the first atom, 8, and 6, are the respective angles of
scattering by the first and second atoms, and d is the
spacing between the first and second atoms.

In this work, we studied the energy spectra of scat-
tered argon ions and recoil ions. For the C, Al, and Si
targets, the spectrataken at angle of observation 6 = 12°
are presented in Fig. 1. A changein the energy width of
the analyzer’ swindow dueto achangein theion energy
is disregarded. The spectra contain peaks due to single
scattering (S) and double scattering (D), as well as a
peak corresponding to recoil ions (R) (the positions of
these peaks are indicated for the carbon and silicon tar-
gets).

Figure 2 showsthe dependenceof ratio 15 /1; onthe

target atomic mass. The energy spectra were taken in
the range of scattering angles 8 = 6°-27°. To trace how

ratio 1, /1, measured at different angles depends on the
atomic mass of thetarget, it is convenient to recal culate
the values of 1/1; to one angle of observation using

the relationship I /1, ~ /625 [15], which is valid in the
small-angle approximation. The dependences of

(15/12)(8/12)%5 on the atomic mass of the target (i.e.,
of C,Al, Si, Ti, Ge, and In) arereduced to angle 6 = 12°.
For these targets, the values of (15 /13 )(6/12)25fall into
the range 0.4—4.0. Our results agree with those obtained

lo/ls = ; (D)
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Fig. 1. Energy spectraof scattered ionsand recoil ionswhen
C, Al, and Si targets are bombarded by 5-keV Ar* ions. The
angle of observation is 6 = 12°.

in[10], whereratio I3 /1 for Artionswith Ey = 5 keV
scattered by a Cu crystal was measured. The value of
(14/1%)(8/12)25 found from experimental data of [10]

liesin therange 0.6-6.0 (such awideinterval is associ-
ated with the strong dependence on the target orienta-
tion).

Figure 3 demonstrates the angular dependences of

15/1% (measured) and | I (calculated by formula (1))

for Al, Ge, and In. It is seen that the data points arefitted
well by therelationship | /I~ 1/6%° (dotted curve) [15].
Atomic spacing d of the target used in the calculation
was taken from the table of lattice constants [16].
Agreement between the absolute values of experimen-
tal 13/13 and I 4/l calculated by (1) will be achieved if
d is higher by two- or threefold. Thus, formula (1) and
its small-angle asymptotics, | /1~ 1/6%°, describe well
the run of the angular dependence but the absolute val-
ues of |4/l disagree.

The energy dependenceof 1;/1; for In(theangle of
observation is 6 = 27°) is presented in Fig. 4. In the

energy range 2-5 keV, 1 /1, equas0.08-0.13. Figure 4
also showsthe datafor variously oriented Cu crystalsin
the case of Ar* projectiles with E; = 5-10 keV and 6 =

30° [10]. It follows from this figure that ratio 1 /1; for

the Cu samples monotonically grows from 0.06 to 2.60
astheenergy increasesfrom5to 10 keV. Our resultsare
seen to agree with those from [10].

From the aforesaid, it follows that the effect of dou-
ble scattering of the scattered particles is well pro-
nounced in the case of the C, Al, S, Ti, Ge, and In tar-
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Fig. 2. Peak height ratio for singly and doubly scattered Ar*
ions vs. the atomic mass of the target. The incident ion
energy is Eqg=5keV.

gets. The dependenceof 1 /1 onexperimental param-

eters agrees well with the data of other authors and
obeys the same law as ratio 14/l for the total particle
flux. Thus, information gained from analysis of the
charged component can be used for diagnostic pur-
POSES.

Now, let usturn to the feasibility of using this effect
in diagnostics of the Si; _,Ge, solid solution. The possi-
bility of separating out the fraction of clustered Ge
atomsin the SiGe solid solution is based on the differ-
ence between the energies of ions having experienced
two successive collisions with similar atoms (Ge + Ge)
and dissimilar atoms (Ge + Si). Consequently, the spec-
tra of scattered Ar* ions for the samples with Ge clus-
ters will differ from the spectra taken of the homoge-
neous solid solution: in the former case, along with the
peak dueto normal double scattering (Ge + Si), an addi-
tional peak associated with double scattering by Ge
atoms (Ge + Ge) arises. The fraction of clustered Ge
atoms can be estimated by comparing the ratio between
theintensities of double (Ge + Ge) and single scattering
of Ar* ions by Ge atoms in the solid solution with the
same ratio for pure germanium.

We measured the energy distribution of Ar* ions
with initial energy E, = 5 keV scattered by Si; _,Ge,
samples with x = 5-10, 25, 50, and 60%. The low-ger-
manium (5-10%) samples were prepared in the Insti-
tute of Crystal Growth (Berlin, Germany); the samples
with x = 25, 50, and 60%, in the | offe Physicotechnical
Institute, Russian Academy of Sciences (St. Peters-
burg). The angles of observation (measurement) were
21° and 24°, since the double scattering peak is best
visible at these angles (it is high and far apart from the
single scattering peak).
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Fig. 3. Experimental values of I; /I; (symbols) and calcu-
lated values of |4/l (solid lines) vs. scattering angle for (@)
Al, (O) Ge, and (m) In. The dotted line depicts the relation-
ship I 4/lg~ 1/6%5.

Figure 5 shows the energy spectra of the scattered
ions and recoil atomsfor the Si; _,Ge, sampleswith x =
5, 25, and 50% at E, = 5 keV and 6 = 24°. The spectra

contain the peaks of the Ar* ions singly scattered by Ge
atoms, SGe), and silicon atoms, §S)), as well as the
peak of recoil atoms, R(Si). A validity criterion for
these measurementsistheion intensity ratio. For exam-
ple, the intensity ratio for Ar* ions singly scattered by
Ge and S atoms in the Si;_,Ge, solution must be
directly proportional to the ratios between the concen-
trations of the respective components, differential cross
sections do/dQ of scattering by a given angle, and
widths AE of the analyzer's energy window for the
peaks measured. It is then natural to assume that prob-
ability p* of generation of singly charged ions, whichis
defined by electron exchange in the escaping ion—sur-
face system, does not depend on whether a Ge or Si
atom acts as a scatterer. In the approximation of the Zie-
gler—Biersack—Littmark interaction potential [17], the
calculated intensity ratio of Ar* ions scattered by Ge
and Si atoms in the Si; _,Ge, samples with x = 5, 25,
and 50%is0.1, 0.6, and 1.9, respectively, for the differ-
ential cross sections estimated at an angle of observa-
tion of 24°. The accuracy of measuring the intensity
ratio is not high primarily because of apoorly resolved
peak of the Ar* ions scattered by Si (this peak overlaps
with the more intense peak of Si* recoil ions). For the
samples with x = 5, 25, and 50%, the measured inten-
sity ratiois0.19£0.06, 1.4 £ 0.5, and 2.9 = 1.0, respec-
tively. Agreement between the calculation and experi-
ment may be considered satisfactory.

On the right of single scattering peak S(Ge) in the
spectra, astructureis observed that is related to the Ar*

BABENKO et al.
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Fig. 4. Experimental value of Ig /I; vs. incident Ar* ion

energy. (M) Experimental valuesobtained in thiswork for In
and angle of observation 8 = 27°. The lines with symbols
refer to the variously oriented Cu target [10].

ions having experienced at least two successive colli-
sions. At agiven angle of observation, Ar* ionswith an
energy exceeding the energy of single scattering by Ge
atoms may result from two processes: an Ar atom col-
lides (i) with a Ge atom and a Si atom (the structure
denoted by D(Ge + Si) in Fig. 5) or (ii) with two Ge
atoms (this structure, which is of interest for us, is
denoted by D(Ge + Ge) in Fig. 5), the energy of scat-
tered ions in the former case being bound to be lower.
For an angle of observation of 24° (x = 5%), the peak of
double scattering by Ge and Si atoms is AE/E, = 0.02
apart from the peak of single scattering by a Ge atom.
For pure germanium, the peak of singly scattered Ar*
ionsis AE/E, = 0.03 apart from the peak of double scat-
tering. Thus, double scattering peak D(Ge + Ge) is
AE/E, = 0.01 apart from peak D(Ge + Si). This differ-
ence, whilesmall, is sufficient to conclude that the clus-
ter fraction in the samples with x = 5-10% is absent.

Thus, we can state that the low-germanium samples
submitted for investigation are of fairly high quality:
most Ge atomsin the solid solution occupy lattice sites,
and theremainder areinterstitialsor form small clusters
(clearly, Ar* ion scattering by small clusters makes a
negligible contribution to the double scattering peak,
since such is the probability that an ion having experi-
enced acollision with a Ge atom will “find” another Ge
atom to collide with in its neighborhood). The estimate
of the cluster fraction, if any, could be affected by the
effect of preferred sputtering of one of the solid solu-
tion components. As is known, the sputtering coeffi-
cient for pure germanium is roughly twice as high as
that for pure silicon when these materials areirradiated
by 5-keV Ar* ions. However, bombardment of the SiGe
compound surface by inert gas ions leaves the surface
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Fig. 5. Energy spectra of scattered Ar* ions and recoil ions
in the Si; _,Ge, solid solution with x = (1) 5, (2) 25, and
(3) 50%. Eq = 5keV, 6 = 24°.

composition unchanged, as follows from experimental
data [18].

The applicability of this approach to thin-film SiGe
was tested on =100-nm-thick Si;_,Ge, films MBE-
grown on silicon in the loffe Physicotechnical Ingtitute.
Figure 6 shows the variation of the energy spectra
obtained when one of such films (x = 60%) was etched
by 5-keV Ar* ions with time of etching. The high-
energy part of the spectra exhibits a peak of Ar* ions
singly scattered by Ge atoms; the central part contains
a peak of Si* recoil ions. The intensity of the former
peak declines with time and almost disappears in
=30 min. This means that the incident Ar* ion beam
(energy E, = 5 keV, current density j = 10 pA/cm?)
etches off the Si; _,Ge, layer and reaches the substrate.
It follows from Fig. 6 that our approach provides a suf-
ficiently high scattered ion intensity (~10° s), accept-
able noise-to-signal ratio (~10°) in the energy range we
are interested in, and time sufficient to carry out analy-
sis. Hence, the method suggested can be applied for
estimating the Ge cluster concentrationinthin Si; _,Ge,
films.

Since clusters were lacking in the samples with x =
5-10%, the method of cluster concentration estimation
was refined on the targets with high x (25, 50, and
60%). We proceeded from the assumption that, if the
Ge concentration in the target is high, the energy spec-
trum will contain a collision-induced peak (Ge + Ge)
resulting not from clusters but from individua Ge
atoms (even if the solution is homogeneous), which are
closely spaced in a high-germanium solid solution.
Therefore, a collision-induced spectral feature (Ge +
Ge) gives us a chance to simulate clustering in the
target.
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Figure 7 demonstrates the energy range of interest
for the samples with x = (@) 5 and (b) 60%. The angle
of observationis21°. The estimation of the cluster con-
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Fig. 7. Scattered Ar* ion spectra under irradiation of the
Si1 _Ge, target with x = (a) 5 and (b) 60%. 6 = 21°. Sym-
bols, data points; continuous lines, model energy distribu-
tions of components.
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centration is based on the assumption that the spectrum
in the given energy range consists of the following
components: a peak of Ar* ions singly scattered by Ge
atoms, apeak of Ar*ionsdoubly scattered by Geand Si
atoms, apeak of Ar* ions doubl e scattered by Ge atoms,
a“pedestal” associated with Ar* ions scattered by pure
silicon, and a background due primarily to scattering of
the incident beam by structure elements of the chamber.
In Fig. 7, the single scattering and double scattering
peaks are described by Gaussians, the substrate compo-
nent isthat part of the experimental spectrum described
by the analytica curve, and the background is
described by some constant level. Since clusters are
absent in the sample with x = 5%, the spectrum for this
sample has four components (Fig. 7a): the background,
substrate component, single scattering peak §Ge), and
double scattering peak D(Ge + Si). In simulating the
spectrafor the sampleswith ahigher Ge percentage, the
adjustable parameters were only the amplitudes of the
Gaussians describing processes D(Ge + Ge) and
D(Ge + Si) provided that these amplitudes are normal-
ized by peak S(Ge). In describing the spectrum for the
sample with x = 60%, it is impossible to simulate the
experimental curve without taking into account double
scattering by Ge atoms, D(Ge + Ge). Comparing the
intensity ratios of the Ar* ions singly and doubly scat-
tered by Ge atomsin the Si; _,Ge, solid solution and in
apure Ge target, one can estimate the concentration of
the “clusters” In the sample with x = 60%, this ratio
equals =0.9. The word “clusters’ is put in quotation
marks, since peak D(Ge + Ge) hereis associated with a
decrease in the Ge atom spacing and, hence, with an
increasein the double scattering probability in the high-
germanium solid solution even if it is homogeneous.

CONCLUSIONS

We measured the intensity ratio for Ar* ions singly
and doubly scattered by C, Al, Si, Ti, Ge, and In targets
as afunction of the atomic mass of the target (M, = 12—
115 u), projectile energy (E, = 2-5 keV), and angle of
observation (8 = 6°-27°). The data obtained indicate
that the double scattering effect shows up in the ionic
component, which constitutes a minor part of the total
particle flux and obeys the laws typical of neutrals.

This effect can be used to estimate the Ge cluster
fraction in the Si; _,Ge, solid solution. It is shown that
slow scattered ion spectroscopy is applicable to diag-
nostics of elemental inhomogeneity in both thin
(=100 nm) films and bulk samples of the low-germa-
nium Si, _,Ge, solid solution. The method of estimating
the Ge cluster fraction in the Si; _,Ge, solid solution is
elaborated.

BABENKO et al.
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Abstract—Electron beam formation in krypton, neon, helium, and nitrogen at elevated pressures are experi-
mentally investigated. It is shown that, when the krypton, neon, and helium pressures are varied, respectively,
from 70 to 760 Torr, from 150 to 760 Torr, and from 300 to 4560 Torr, runaway electrons are beamed at the
instant the plasmain the discharge gap approaches the anode and the nonlocal criterion for electron runaway is
fulfilled. The fast-electron simulation of discharge gap preionization is performed. The simulation data demon-
strate that preionization in the discharge gap is provided if the voltage pulserise timeis shorter than a nanosec-
ond under atmospheric pressure. © 2005 Pleiades Publishing, Inc.

INTRODUCTION

In the studies summarized in [1], subnanosecond
electron beams with a record-breaking current ampli-
tude were produced in a gas diode under atmospheric
pressure. It was shown that these beams of runaway
electronsform at the instant the plasmain the discharge
gap approaches the anode and the nonlocal criterion for
electron runaway is fulfilled (for more details, see
[1, 2]). It is of interest to study this mechanism for a
wider spectrum of gases (including heavy ones) and
under higher-than-atmospheric pressures. Relevant
investigations at pressures far exceeding the atmo-
spheric value have not been performed to date. Our pre-
liminary experiments in this field were reported in
[3-5].

In this study, we consider the electron beam forma-
tion at elevated pressures of different gases (krypton,
neon, helium, and nitrogen), krypton being studied for
the first time under these conditions.

The simulation of the propagation of bunched fast
electrons has demonstrated that preionization in the
discharge gap is provided at a subnanosecond voltage
pulse rise time under atmospheric pressure.

EXPERIMENTAL SETUP

We used an upgraded version of the SINUS nano-
second pulser, which was described at length el sawhere
[6]. The pulser (Fig. 1) was equipped with an additional
built-in transmission line with a wave resistance of
40 Q. A matched termination of 40 Q generated avolt-
age pulse of amplitude =180 kV. At a rise time of the
voltage pulse of =0.5 ns, its FWHM was=1.5 ns. Asin

[3-5], the cathode was composed of three coaxia cyl-
inders (12, 22, and 30 mm in diameter) made of 50-pum-
thick Ti foil and mounted on aduralumin substrate. The
height of the cylinders decreased by 2 mm from the
least-diameter to largest-diameter cylinder. The dis
charge gap width was varied from 10 to 28 mm. The
plane anode through which the electron beam was
extracted was made of 40- to 45-um-thick AlBe foil or
of awire mesh. A negative voltage pulse was applied to
the cathode under a krypton, neon, or helium pressure
in the discharge gap varying from 1 to 760 Torr. For
helium, additional measurements were taken at a pres-
surein the discharge gap varying from 760 to 4560 Torr
(from 1 to 6 atm). Elevated-pressure measurements
(from 1 to 4 atm) were aso performed for nitrogen.

The beam current was measured using collectors of
different diameters (from 12 to 50 mm) placed at adis-
tance of 10 mm from the foil. Along with the electron

A J\\ .
D i
ST

Fig. 1. Schematic of the electron accelerator with a gas
diode: (1) pulser, (2) body, (3) sharpener, (4) high-voltage
terminal, (5) insulator, (6) cathode, and (7) anode.

1063-7842/05/5012-1623%$26.00 © 2005 Pleiades Publishing, Inc.
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Fig. 2. Discharge current amplitude in the diode (1), the
voltage across the gas diode (Ug), the beam current density
behind the foil (Io), and the FWHM of the beam current

(tO.SIe) vs. the krypton and neon pressure.

beam current, we also measured the “total” current of
the diode and the gap voltage. The waveforms of sig-
nals from a capacitive divider, collector, and shunt
resistors were recorded by a TDS-7405 4-GHz oscillo-
scope with a speed of 20 GS/s (20 dots per 1 ns) and a
TDS-334 0.3-GHz oscilloscope with a speed of
2.5 GS/s (2.5 dots per 1 ns). When the gas diode was
filled with helium or nitrogen, the measurements were
taken using the TDS-7405; when with krypton or neon,
using the TDS-334. The discharge glow was photo-
graphed by adigital camera.

14, A; Uy, kV; jo, Alem?; tO.Sje’ ns
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Fig. 3. (1) Discharge current amplitude in the diode,
(2) voltage across the diode, (3) beam current density
behind the fail, and (4) FWHM of the beam current vs. the
helium pressure.
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EXPERIMENTAL RESULTS

Figure 2 shows the pressure dependences of the
amplitude of the discharge current through the diode, of
the voltage across the gap, of the electron beam current
density behind the foil, and of the FWHM of the beam
current pulse for krypton and neon. The same depen-
dences for helium are shown in Figs. 3 and 4. For the
electron beam in helium, the measurements were taken
at atime resolution of the recording system of =0.1 ns
and a maximum pressure of 6 atm (Fig. 5). The depen-
dences for krypton depicted in Fig. 2 are similar to
those obtained by us earlier for helium and neon [3].
Notethat, in krypton (the heaviest gas), the current den-
sity behind the foil, aswell asthe pressure at which the
beam current amplitude began to increase, was the
lowest.

From Figs. 2 and 3, one can separate out two main
operating regimes of the diode. Thefirst regime, which
was described by us earlier [3], is observed at ahelium
pressure of lessthan 100 Torr (E/p > 0.6 kV/(Torr cm)),
a neon pressure of less than 50 Torr (E/p >
1.2 kV/(Torr cm)), and a krypton pressure of less than
20 Torr (E/p >2.5 kV/(Torr cm)). Thisregimeis charac-
terized by a significant increase in the amplitude and
duration of the electron beam current behind the foil at
low helium, neon, and krypton pressures. Such behav-
ior manifests the transition to the electron acceleration
regime accomplished in [7]. Here, a critical field is
reached between the el ectrodes of the diode or between
the cathode and the excessive positive charge region in
the gap. For the critical field to be reached in the first
regime with increasing pressure in the diode, it is nec-
essary to narrow the electrode gap to several fractions
of amillimeter or even less. In this case, however, the
electric field at the cathode rises due to explosive elec-

Uy, kV; jo, Alem?; 5, ns

— — —=
10°E 1
I 2 .
10! 3 /
10°F
A 3 A
10—1 1 1 1 1 1 1
1 2 3 4 5 6
p(He), atm

Fig. 4. (1) Voltage across the diode, (2) beam current den-
sity behind the foil, and (3) FWHM of the beam current vs.
the helium pressure for an el ectrode spacing of 16 mm.
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tron emission, generating a plasma. The cathodic
plasma rapidly short-circuits the gap, and the beam of
runaway electrons has no time to form.

Of most interest is the second regime, which was
used to produce subnanosecond electron beams [1, 3—
5] at a pressure of 1 atm or higher. Figures 2—4 show
that, at a helium pressure exceeding 300 Torr (at neon
and krypton pressures exceeding 100 and 50 Torr,
respectively), the amplitude of the electron beam cur-
rent, the amplitude of the gap voltage, and the ampli-
tude of the discharge current vary insignificantly. Inthis
case, the value of parameter E/p for al the gases
becomes much smaller than critical (at which the
amount of runaway electronsis considerable). In other
words, a changein the krypton, neon, and helium pres-
sures in the diode by several times has no effect on the
amplitude of the electron beam current behind the fail.
Such avariation of the beam current with pressure con-
vincingly validates the assumption that the electron
beam forms in the region between the anode and the
plasma expanding from the cathode. As the pressure
grows, the critical value of parameter E/p is attained at
aproportionally decreasing distance to the anode. Note
that the parameters of the electron beam will vary insig-
nificantly under these conditions only if the discharge
remains volume and its geometrical sizes remain
unchanged. In helium, this condition is met; therefore,
the parameters of the el ectron beam do not change even
at a maximum pressure of 6 atm. The formation of an
electron beam at still higher pressures was beyond the
scope of this paper. The photos of the glow in the
16-mm-wide electrode gap at helium pressures of 1, 3,
and 6 atm are shown in Fig. 6. It is seen that the dis-
charge in the diode is of volume character and the
geometry of the gas-discharge plasma remains invari-
able. Note that the discharge was volume in al the
atomic gases under the pressures used.

Figure 7 shows the discharge glow in nitrogen at
pressures of 1, 2, 3, and 4 atm. At 4 atm, the gap is
short-circuited by a bright channel. As is seen on the
photos taken at different pressures (Fig. 4), the channel
originates at the cathode. Remarkably, when the pres-
sure increases, the shape of the discharge changes and
when the spark (channel) short-circuits the gap, the
amplitude of the beam current sharply drops (Figs. 7
and 8). The pressure dependences of the gap voltage,
electron beam current density behind the foil, and
FWHM of the beam current under these conditions are
shown in Fig. 8. The parameters of the beam current
were measured with atime resolution of =0.1 ns. A fea-
ture of beam formation in nitrogen is that the geometri-
cal sizesof the discharge plasma change (Fig. 7). When
the pressure exceeds 1 atm, the cross section of the
plasma shrinks and the amplitude of the beam current
declines (Fig. 8). This decline is associated with a
decrease in the capacitance of the “ capacitor” made up
by the anode and the plasma expanding from the cath-
ode. It was aso found that the current of the beam of
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Fig. 5. Waveforms of the electron beam current pulses
obtained in the diode at helium pressures of (a) 1 and
(b) 3atm. The recording surface area of the collector is
1 cm?. The horizontal scaleis 0.1 ng/div. The vertical scale
is(a) 3.7 and (b) 7.8 A/div.

He, 1 atm He, 3 atm

He, 6 atm

Fig. 6. Discharge glow in the diode at different helium pres-
sures for an electrode spacing of 16 mm.

runaway €lectrons depends on the geometrical sizes of
the discharge plasma and on its homogeneity.

PROPAGATION OF FAST AVALANCHE
ELECTRONS

According to the notions summarized in [1, 2], at
the stage of electron beam formation, the discharge
propagates in adense gas by multiplication of available
low-density background el ectrons rather than by means
of electron or photon transport. The background den-
sity of electrons increases owing to the preionization of
the gas by fast electrons preceding the multiplication
wave. Below, we present the results of simulation for a
bunch of fast electrons propagating in helium under
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Fig. 7. Thesame asin Fig. 6 at different nitrogen pressures.

atmospheric pressure. The simulation of multiplication
and runaway of electrons in helium was performed in
the same manner asin[1, 2], i.e., based on a maodifica-
tion of the particle method (for details, see [8]). The
Cross sections were assumed to be relativistic [9].

We were interested in the coordinates and momenta
of a bunch of the fastest electrons and also in total
amount n of electrons. If this amount exceeded given
amount n,,,, at acertain time step, we rejected some of
the slow electrons in such a way that the number of
remaining electrons was equal to n;, and the projec-
tions of their momenta onto the field direction were
maximal. Prior to rejection, the coordinate along the
field, I, and momentum p; that were averaged over all
electrons were calculated and stored. After rejection,
coordinate |, and momentum p, averaged over the
bunch of fast electrons were calculated and stored.

ALEKSEEV et al.
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Fig. 8. (1) Voltage amplitude across the diode, (2) beam cur-
rent density behind the foil, and (3) FWHM of the beam
current vs. the nitrogen pressure for an electrode spacing of
16 mm.
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Fig. 9. Voltage drop U = El over length | = |; = |, corre-

sponding to the averaged coordinate of fast electronsvs. this
length for timeinstantst = 0.1, 0.5, and 1 ns.

Next, the propagation and multiplication of these fast
electrons was simulated until n < n.

The calculations were carried out for different elec-
tric field intensities E. Helium pressure p was assumed
to be equal to 1 atm. The electron motion was traced to
timeinstant t =T = 1 ns. We put n,,5 = 2000 and n,, =
1000.

It follows from the cal culations that volume preion-
ization over a given length in a given time will take
place only if a voltage drop over this length is suffi-
ciently high. This fact is illustrated in Fig. 9, which
plots voltage drop U = El versuslength | =1, = |, (the
averaged coordinate of the fast electrons) for different
timeinstants T = 0.1, 0.5, and 1 ns. These dependences
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show limiting voltage U above which fast electrons
cause preionization of the gap with given electrode
spacing | inatimeshorter than t. It isseen that avoltage
higher than 100 kV is required for preionization of a
1-cm-wide gap filled with helium to take placein 1 ns
under atmospheric pressure. This estimate is consistent
with experimental findings.

However, the dependences in Fig. 9 may be treated
otherwise. They show that, a a given voltage across a
discharge gap of a given length, preionization will take
place if the pulse rise time is shorter than time t for
which the curve in Fig. 9 was constructed.

CONCLUSIONS

Thus, we investigated the conditions under which
runaway electrons are generated in krypton, neon,
helium, and nitrogen at elevated pressures. For krypton,
such a study was performed for the first time. Under
atmospheric pressure in neon, an electron beam with a
current density higher than 6 A/cm? was obtained. After
the resolution of the recording system had been
improved, the FWHM of the electron beam current in
helium and nitrogen was measured to be =0.2 ns.

The electron beam formation in nitrogen demon-
strates that spark channels adversely affect the beam
generation conditions. This is associated with a
decrease in the cross-sectional area of the volume dis-
charge and also with the fact the spark shot-circuits the
electrodes. These facts cannot be explained by assum-
ing that the electron beam behind thefoil consists of the
electrons emitted from the end of the propagating spark
channel [10].

The simulation of the propagation of preavalanche
fast electrons showed that rapid preionization occurs if
the voltage across the gap exceeds a certain value
depending, in particular, on the electrode spacing. The
pulse ride time must be shorter than the preionization
time. In other words, a subnanosecond voltage pulse
rise time under atmospheric pressure should be pro-
vided.

Thus, when the krypton, neon, and helium pressures
vary, respectively, in the ranges 70-760, 150-760, and
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3004560 Torr, applying a nanosecond voltage pulse
with a subnanosecond rise time generates a beam of
runaway electrons. The beam forms at the instant the
plasma in the discharge gap approaches the anode and
the nonlocal criterion for electron runaway is fulfilled.
In this case, the discharge propagates via the multipli-
cation of background electrons. An enhanced back-
ground density of the electrons is provided by gas
preionization by the fast electrons preceding the multi-
plication wave.
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Abstract—Experiments with a new type of resonance microwave self-excited system with complex dynamics,
a cascade klystron self-excited oscillator with delayed feedback, are reported. The new self-excited oscillator
features alow starting current and many oscillation bands; in addition, it can readily be switched into complex,
including random, oscillation modes. © 2005 Pleiades Publishing, Inc.

INTRODUCTION

When the operating current of the electron beam
exceeds a threshold value by two to three times,
delayed-feedback self-excited oscillators based on
multiresonator klystrons break into complex, including
random, oscillations [1]. Self-excited oscillators of
such a type are of interest as high-power microwave
sources applicable in various fields of technology
[2, 3], sincetheir frequency band in the chaotic oscilla-
tion mode is sufficiently broad. The complex dynamics
of a single-klystron resonance self-excited oscillator
was experimentally studied in [1].

In thiswork, we report experiments with a new type
of such adynamic system, a cascade self-excited oscil-
lator built on multiresonator klystrons.

CASCADE KLYSTRON SELF-EXCITED
OSCILLATOR

The device consists of two series-connected nearly
identical multiresonator klystrons (the output of either
of them is connected to the input of the cther). The
klystron stage, in turn, represents a commercial five-
resonator 10-cm-range medium-power klystron. The
two-gap cavities of the klystrons generate oscillations
in antiphase. The parameters of the first klystron are as
follows: the loaded Q factor of the input resonator is
250; that of the output resonator, 125; the unloaded Q
factor, 460; and the resonance frequency, 2798 MHz.
For the second klystron, the respective parameters
equal 120, 112, 380, and 2800 MHz.

The accelerating and control voltages of the
klystrons are applied from the same power supply. The
output resonator of thefirst klystron is connected to the
output resonator of the second one through a coaxia
feedback loop. The feedback loop is connected via
directional couplersto a wattmeter with a polarization
attenuator, crystal detector to display the phase portrait
of thesignal, spectrum analyzer recording the full spec-
trum of the signal, a second crystal detector to display
the envelope of the signal, digital frequency meter, and

polarization attenuator controlling the amount of feed-
back. Schematically, the experimental setupisshownin
Fig. 1.

The full delay time related to the feedback loop
including the feedback 1oop length, flight time of elec-
trons in the drift space, and Q factors of the cavities of
both klystrons was measured to be 0.6 ps. As a control
parameter, we used the el ectron beam current, damping
in the feedback loop, and control voltages of the
klystrons. Such a setup makesit possibleto fairly accu-
rately identify the oscillation mode, specificaly the
periodic modulation and random oscillation modes.

©
2
;
3
)i g N LS 6
2 10
0-60 dB [« L8 17
15
®
14

Fig. 1. Schematic of the experimental setup: (1, 2) multires-
onator klystrons, (3) power supply, (4-8) directiona cou-
plers, (9, 10) polarization attenuators, (11) wattmeter,
(12) phase portrait recorder, (13) spectrum anayzer,
(14) envelope recorder, and (15) electronic freguency
meter.
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Fig. 2. Minimal starting current vs. accelerating voltage for
the (1) single-klystron and (2) cascade klystron oscillators.

EXPERIMENTAL RESULTS

The performance of the cascade klystron self-
excited oscillator with delay in different operating
modes was thoroughly examined. The “simple-to-com-
plex” approach was applied; that is, the operating con-
ditions were made increasingly more complicated:
from single-frequency oscillations to periodic modula-
tion and then to random oscillations. In addition, com-
parison was permanently made with the performance of
the oscillator based on a single five-resonator klystron
[1].

To find the operating range of the control voltage,
we first of all studied the dependence of the starting
current of the cascade self-excited oscillator on this
parameter. A cascade self-excited oscillator, as well as
asingle-klystron oscillator, is characterized by a set of
oscillation bands.

Figure 2 plots minimal starting current |, for each of
the bands of the cascade oscillator against accel erating
voltage U, (curve 2). For comparison, the same depen-
dence is presented for the single-klystron oscillator
(curve 1). The damping in the feedback |oops isidenti-
cal, 6 dB. For one of the bands, Fig. 3 showsthe depen-
dence of the starting current on damping L in the feed-
back loop for the single-klystron (curve 1) and cascade
(curve 2) oscillators. It is seen that the starting current
of the latter device is much smaller; so, it is easier to
excite and, accordingly, carry to the developed chaos
mode.

The dependences of power P and oscillation fre-
guency f on the accelerating voltage for different values
of beam current | are demonstrated in Figs. 4a and 4b,
respectively. Asthe current grows, the oscillation bands
expand bath in voltage and frequency and their number
increases. Also, the bands deform severely; specifically,
the power maxima shift toward higher voltages. The
curves exhibit peaks (maximal power) followed by the
sharp jump into the adjacent band. Near the peaks,
power and frequency hysteresis is observed. The cas-
cade oscillator behaves in many ways similarly to its
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Fig. 3. Starting current vs. the damping in the feedback loop
for the (1) single-klystron and (2) cascade klystron oscilla-
tors.

single-klystron counterpart with the only (but essen-
tial!) difference that, for the former, the number of the
bands is much larger in the same accelerating voltage
range and they are excited at a much lower value of the
starting current. For example, at a beam current of 10
mA in the klystron, the number of the bandsis eight in
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Fig. 4. (a) Power and (b) frequency vs. accelerating voltage
for different beam currents.
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Fig. 5. (1) Caculated and (2) experimental dependences of
the power on the accel erating voltage.

the cascade oscillator versus five in the single-klystron
oscillator for the same accel erating voltage range.

The number of the bands, aswell their positions and
boundaries, can be found from the oscillation phases.
Oscillations occur when the phase shift of the signa
passing through the feedback loop is a multiple of 21t
If the resonators of a self-excited oscillator are tuned to
synchronism, this condition is written as

20, + wdt; + wydt, = 2mn—(k-1)T

Here, 8, = wyl/ /20U, istheundisturbed angle of flight
between the initial and last resonators in each of the
klystrons, n = e/m; | isthe distance between these reso-
nators, wy, is the eigenfrequency of the resonators, &t; is
thetime of signal propagation in the outer feedback cir-
cuit with measuring devices, dt, is the time of signa
propagation in the circuit connecting the output resona:
tor of the second klystron with the input resonator of
thefirst one, kisthe number of resonators per klystron,
and nis an integer. The boundaries of the bands can be
found from a similar relationship,

20, + Wydt, + 0B, = 2T — (k— 1)1+ g

Figure 5 compares the results obtained by these for-
mulas with experimental data.

When the electron current in the klystrons exceeds
the self-excitation threshold by two to three times, the
single-frequency mode changes to the aperiodic modu-
lation mode, in which two satellites appear that are
symmetric about the basic signal in the signal spectrum
and the phase portrait exhibits an ellipse-like limiting
cycle. Interestingly, the self-modulation frequency in
the cascade oscillator is roughly twice lower than inits
single-klystron counterpart.

The self-modulation frequency of a klystron self-
excited oscillator can be found from the full delay time

Fig. 6. (8) Single-frequency oscillation mode, A = 46 dB;
(b) regular self-modulation mode, A = 37 dB; (c) double-
period mode, A = 33 dB; (d) weak chaos mode, A=32.5dB;
and (e) random oscillation spectrum under the devel oped
chaos mode, A =31 dB.

over the closed feedback loop,

L €
A/_ + — + ""(3Q01 + Qint + Qour)
Vo Wop

2
+ 03_(3Q02 + Qinz + Qouz) -
o2
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Fig. 7. Dynamic mode map on the (g, Ug) planefor the cas-
cade self-excited oscillator: (1) single-frequency modula-
tion, (2) double-period mode, (3) self-modulation, (4) qua-
druple-period mode, and (5) chaos.

Here, L isthe length of the coaxial line in the feedback
loop of the klystrons, € is the permittivity of afiller of
thisline, Q isthe unloaded Q factor of the intermediate
resonators in the klystron, Q,, is the loaded Q factor of
the input resonators of the klystrons, Q,, istheloaded Q
factor of the input resonators of the klystrons, and Q,,
is the loaded Q factor of the output resonators of the
klystrons. Calculation by this formulayields self-mod-
ulation frequency fg,, = 2.5 MHz (cf. experimental value
fen = 3.5 MH2). As in the single-klystron oscillator,
self-modulation in the cascade klystron device arisesin
the frequency response descending portion, which is
dueto electron grouping, but at amuch lower beam cur-
rent or amuch higher damping in the feedback loop.

Transition to chaos in the self-excited oscillator
under study follows largely the scenario of period dou-
bling bifurcation, asillustrated by the oscillation spec-
tra and phase portraits taken in the case when amount
of feedback A is used as a control parameter (Fig. 6).

It should be noted that transition to chaos may pro-
ceed through intermittency and quasi-periodicity, as
well as directly from the single-frequency oscillation
mode. The dynamic mode map on the parameter plane,
beam current I, and accelerating voltage U, for the cas-
cade oscillator are shown in Fig. 7. Compared with the
same map for the single-klystron oscillator (Fig. 8), the
developed chaos mode in the cascade occupies much
more extended domains, which merge together at high
currents (above 40 mA).

Remarkably, without specialy selecting operating
parameters for the klystrons under the devel oped chaos
conditions, a cascade self-excited oscillator composed
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Fig. 8. Dynamic mode map on the (1, Ug) planefor thesin-
gle-klystron self-excited oscillator. The notation isthe same
asinFig. 7.

of almost identical resonators provides gain neither in
power nor in frequency band.

CONCLUSIONS

Our experiments show that a delayed-feedback cas-
cade klystron self-excited oscillator features a low
starting current and many oscillation bands. It can be
readily carried to the complex (including chaotic) oscil-
lation mode and demonstrates vari ous scenarios of tran-
sition to chaos. Therefore, such an oscillator is very
convenient for experimental studying of the genera
nonlinear dynamics of distributed systemsin the micro-
wave range.
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Abstract—The subject of consideration isthe time dependence of thefield in the near-field zone of an (acoustic
or electric) dipole generating a nonmonochromatic signal smoothly varying with time. It is shown that this
dependenceis approximately the same at different pointsin the near-field zone; i.e., the smooth signal does not
lag in time, as it might with regard to afinite velocity of wave propagation. The absence of delay is aresult of
interference between two identical but differently damped and delayed copies of one signal that are emitted
from two monopoles constituting the dipole. The sameistrue for an arbitrary electroneutral (asawhole) set of
nonstationary charges (in particular, for a nonstationary quadrupole, octupole, etc.). © 2005 Pleiades Publish-

ing, Inc.

Let us consider interference (superposition) of sev-
era (i=1, ..., n) copies of one signal AQ(t) with atten-
uation coefficients f, and different (but positive) time
delayst; > 0. For thetotal signal, we have

AD =S f,A(t-1,)
n D &
) éz (@AY = Tua®(),

where T (1) is the operator of time translation by
(T (A1) = At = 1)), Tit is the linear operator cou-
pling input (initial) signal AQ(t) with output (total) sig-
nal A(t).

Considering transformation A(t) = T AQ(t) as a
result of passing initial signal AO(t) through alinear fil-
ter [1, 2], one can easily check that the pul sed response
of thisfilter can be expressed as

g(n) = Y f3(t-1),

and the frequency response has the form

K(w) = J’g(t)exp(—ioot) = fiep(Hwt). (2)

Note at once that filter (2) is (for T, = 0) physically
feasible (i.e., not violating the causality principle),
since its pulsed response is identically zero at t < 0.

Moreover, operator T isnot, strictly speaking, atime-

tranglating operator (unlike operator T (T; = 0), since
the pul se and frequency responses of the corresponding
filter cannot be expressed as g(t) = fo(t — 1) and K(w) =
fexp(—iwT), respectively, at any values of parameters f
and 1. Nevertheless, linearizing the logarithm of fre-
guency response K(w) in frequency near the zero fre-
guency (w = 0), i.e., using the approximation of group
delay under linear filtration (well known from the the-
ory of signals) or, which is the same thing, using the
first order of the classical dispersion theory, one readily
obtains the approximate formula

K(w) = K(O)exp[%’% Ew} = fexp(~iwD),

w=0 (3)
where
f = K(0) = Zfi,
(4)

T = i(InK(0))' = ifiri/ifi.

With Eq. (3), operator Ty iseasy to approximate by

some translational operator fT (1) that relates parame-
tersfand t by Eq. (4). Then

Al =y fAO(t—1,)= fAO(t=1). (5)

Thus, in the group delay approximation [1, 2], the
total signa differs from the initial one only in ampli-
tude (f) and time shift (1). Equation (3) is approximate
and is valid at low frequencies only (when the condi-
tions (T, —1)| < 1;i =1, ..., n are satisfied). Hence,

1063-7842/05/5012-1632$26.00 © 2005 Pleiades Publishing, Inc.



ON THE TIME DEPENDENCE OF FIELD

Eq. (5) for signalswith an arbitrary time dependenceis
also approximate and can be used for only smooth suf-
ficiently long signals, T> |t —1/ (i =1, ..., n).

The accuracy of approximate formula (5) depends
on the form of signa AQ(t), attenuation constants f,,
and delay times 1;. It is easy to check that, in the very
general case ((InK(0))" # 0), formula (5) is an exact for-
mula for any linear function ((A©(t) = a + bt).There-
fore, for arbitrary function A©(t) Eq. (5) may be viewed
asthe“inverse” formula of smooth linear interpolation
[3], which differs from the “normal” formula only by
permutation of the left- and right-hand sides. If the con-
ditions (INK(0))" = ... = (InK(0))™ = 0 are also fulfilled,
formula (5) becomes an exact formula for an arbitrary
mth-degree polynomial and can be viewed as the for-
mula of smooth interpolation of the mth order. Accord-
ingly, the accuracy of Eq. (5) for arbitrary function
AO(t) rises (see below).

Importantly, Eq. (4) basically imposes no restric-
tionson delay time T of thetotal signal. Even at positive
delaysr, of interfering copies, delay t of thetotal signal
may be positive, negative, or equal to zero depending
on attenuation coefficients f,. In this case, the delay of
the total signal may be much different from the delays
of theinterfering copies of theinitial signal, which con-
stitute the total signal. For example, it may so happen
that the total signal does not have a delay (t = 0),
although each of the copieshas(t; >0ati =1, ..., n).
Such a situation should not be perceived as violation of
the causality principle or the principle of the maximal-
ity of speed of light in vacuum as applied to data trans-
fer: itiswell known[2] that an infinitely smooth signal,
strictly speaking, is not a signal as a data carrier and
that data are transmitted through breaks in the time
dependence of the signal, which appear in the high-fre-
guency (and not in the low-frequency) part of the signal
spectrum.

As an example, consider the field of an electric [1]
or acoustic [4] dipole in a homogenous medium with-
out dispersion and absorption. Designating the posi-
tionsof the point oscillatorsasr,; and r, and the distance
between these oscillators and the point of observation r
asR; and R,, we have for the total field

A9t-R/c) A”(t-Ry/c) ©
Ry R, '

Here, cis the speed of light (or sound) in the medium
and AQ(t) is the same (up to sign) time dependence of
either signal.

Equation (4) in this case yields t(r) = 0 (f, = Ry,
f,=-1R,, 11, = R J/C); i€,

Al = fAQ®M), f(r) = (UR)-(L/R). (7)

Equation (7) applies if 1, < T or r < cT. This
meansthat we are dealing with thefield of anonstation-
ary dipole in the near-field zone.

A(r,t) =
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Fig. 1. Time dependence of the signal at the axis of adipole
radiator for r = (a) 5 and (b) 10.

It is seen that the total field (unlike the fields of the
point sources producing this total field) has no time
delay. Itiseasy to check that thisconclusionisvalid (in
an absorption-free medium) for any set of point acous-
tic or electromagnetic oscillators provided that the total
volume velocity of the acoustic monopoles (in the case
of an acoustic wave) is equal to zero. The fact that the
time delay is the same (zero) at each point of the near-
field zone is associated with the geometric attenuation
of the spherical wavefield, which followsthe 1/r law in
the three-dimensional space. If the field decays with
distance from the point source faster (for example, in
the presence of absorption), the delay time of the total
signa varies from point to point, remaining positive
(while smaller than that of the signal coming from the
point source nearest to the point of observation).

Let us substantiate these speculations by calcula
tion. Figures 1a and 1b show the time dependences of
the total signal at the dipole axis for point source spac-
ing d = 0.01 in the medium where the wave velocity is
c = 1. Thecurves are constructed at a distance from the
dipole center r = (a) 5 and (b) 10. The signal istakenin
the form AQO(t) = sin(t/T)/(t/T) with duration T = 10.
Shown are (i) the time dependence of thefield produced
by both point sources AO(t — 1, ,), two merged dotted
lines; (ii) thetime dependence of the signal without tak-
ing into account its delay A©)(t), the solid line; and
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Fig. 2. Time dependence of the signal at the axis of a qua-
drupoleradiator at r = (a) 10 and (b) 20.

(i) the time dependence of the total field arising from
interference between the fields of the point sources
A(r, t)/1(r), the thin solid line. It is seen that the total
field (unlike the partial fields) does “ignore” the time
delay associated with the finiteness of the signal veloc-
ity: aslong asthe delay is small in comparison with the
signa duration, the field in the near-field zone almost
coincides with the “undelayed” signal. It should be
emphasized that the delay ignored by the total signal is
by no means beyond the calculation accuracy: it is
much longer than the time taken for the signal to travel
from one point source to the other (or, which is the
same, greater than the difference between the delay
times of the partial signals).

Figures 2a (r = 10) and 2b (r = 20) show the calcu-
lation results for a quadrupole (see Fig. 2a). Here, the
accuracy of Eqg. (5) turns out to be higher than in the
previous case. Thisisbecause (INK(0))" =0inthiscase,
and Eq. (5) becomes exact for signas in the form
AO(t) =a+ bt + ct?

Figure 3ademonstrates the results for an octupol e at
r = 20. In this case, (INK(0))" = (InK(0))" = 0 at the
octupol e axis, which improves the cal cul ation accuracy
(Eq. (5) isvalid for third-degree polynomials).

Figure 3b demonstrates the results for the same sig-
nal asin Fig. 3awith the only difference that the signal

BUKHMAN

A()
@) p 12
1 xY))
3/2
Y
®)
1k AN
o /1.
-50 0 50 t

Fig. 3. Time dependence of the (a) smooth signal and
(b) signal truncated from above and from below at the axis
of an octupole radiator at r = 20.

istruncated: it appears stepwise at t = -30 and vanishes
stepwiseat t = 0. It followsfrom Figs. 3aand 3b that the
total signal appears and vanishes synchronously with
the interfering signals from the point sources (i.e., with
the corresponding delay), but here its time dependence
in the time “window” where the signal exists repeats
the time dependence of the initia signal without delay.
Practically, this means that the signal fragment being
received is other than the fragment being transmitted;
i.e., the time dependence of the partially transmitted
signal is reconstructed (which is typical of the case
when a pulse propagates with a supraluminal group
velocity [5, 6]).

To conclude, we note that today the propagation of
quasi-monochromatic light pulses with a supraluminal
velocity inanumber of dispersive mediaisbeing exten-
sively investigated [5-12]. This effect is similar to that
considered in this paper, the results of which suggest
that this effect may take place not only for quasi-mono-
chromatic signals but also for wide-band signals, not
only during the propagation of waves but also when
waves are emitted, and not only in a highly dispersive
(or nonlinear) medium but also in avacuum.
No. 12
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Abstract—Thebehavior of localized plasticity macrodomainsis experimentally studied at thefinal stage of the
plastic flow in going to necking and ductile fracturein fcc, bee, and hep materials. General features of thelocal-
ization process at the stage of prefracture are found. They are aconstant vel ocity of domains and their tendency
to consistently move toward the focus of a bundle of straight lines in space—time diagrams. A correlation
between the type of fracture and the kinetics of localized plasticity domains is established. © 2005 Pleiades

Publishing, Inc.

INTRODUCTION

In the previous studies [1, 2], we revealed specific
features in the behavior of the domains (centers) of
localized plastic strain at the final stage of the plastic
flow in single-crystalline and polycrystalline Fe-3wt%
Si alloys(siliceousiron). At this stage, the stress—strain
dependence is known to obey a parabolic law, o ~ €"
[3]. For n< 1/2, localized strain domains were found to
move along the sample with velocity V, which depends
onnas[4]

V(n) = Vy(n—0)?, @)

where q = 1/2. For strain hardening in the form o ~ /e
predicted by Taylor [3], i.e,, when n = 1/2, localized
strain domainsareimmabile (V, - 1, = 0), in accordance
with (1). Thisfact has been confirmed in many experi-
ments [1, 2, 4, 5]. For n = 1, formula (1) describes the
stage of linear hardening, when plasticity domains have
the same constant velocity V, - ;.

During the plastic flow, parabolicity exponent n in
therelationship o ~ €" decreases. This circumstance has
made it possible to separate out a number of parabolic
substages with different parabolicity indicesn[4, 5]. In
the range n < 1/2, localized plasticity domains become
mobile [1, 2]. An important and interesting feature of
the motion of the domains at this stage of deformation
isthe self-consistency of their velocities, which sponta-
neoudly arises in the stressed material.

The essence of such aself-consistent motionisillus-
trated in Fig. 1a, which shows the kinetics of localized
strain domains in submicrocrystalline aluminum pro-
duced by the method of equichannel angular press ng1
[6]. In this case, the domain tragjectories at the final

1 The authors thank N.M. Rusin for the preparation of submicroc-
rystalline aluminum samples.

stage of the process plotted in the space-time diagram
(X isthe domain position and t is the time) appear as a
bundle of straight lines converging to some point
(focus) with coordinates X* and t*.

EXPERIMENTAL RESULTS

The data obtained in this work complement those
for bece siliceous iron [1, 2]. We carried out similar
experiments with pure submicrocrystalline (grain size
D lies between 30 and 100 nm) fcc aluminum and with
hcp magnesium and bec vanadium alloys (their compo-
sitions are presented in the table). The methods of
determining parabolicity exponent n, aswell as of visu-
alizing and quantitatively describing localized plastic-
strain domains, are described in [4, 5, 7].

Figures 1a-1d summarize the results obtained for
the aloys. Along with the conventional analysis of the
flow curve o(g) and dependence do/de = 8(g), we con-
structed associated X—t diagrams. They show three
well-defined stages of strain hardening: linear harden-
ing (V = const, n = 1), Taylor hardening (V=0, n= 1/2),
and the stage of prefracture (V # 0, n < 1/2).

It follows from Fig. 1 that, at the stage of prefrac-
ture, the domains have different vel ocities, which, how-
ever, remain constant throughout the domain lifetime.
Similar results were obtained previously [2] for
Fe-3% Si single crystals. It was found that the vel ocity
depends only on the site of birth of adomain: the closer
this site to the region of subsequent fracture, the lower
the domain velocity. At the prefracture stage, new
domains may start to consistently move from one
(Figs. 1laand 1c) or both (Figs. 1b and 1d) sidesof asta-
tionary domain.

It can be shown that extrapolating the portions of the
straight lines X(t) wheren < 1/2 to intersection yields a
bundle of linesfor each of the materials. It turnsout that

1063-7842/05/5012-1636$26.00 © 2005 Pleiades Publishing, Inc.
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Fig. 1. Kinetics of localized plasticity domainsin (@) submicrocrystalline auminum, (b) magnesium aloy, (c) vanadium aloy, and

(d) siliceousiron.

the time and space coordinates of the focuses of these
bundles, X* and t*, are close to the coordinates of frac-
ture. This means that the velocities of the domains syn-
chronize from the very beginning of this stage so that
the domains simultaneously arrive at the focus. To
determine X* and t*, extrapolation of the dependence
X(t) to long times is often needed, as can be seen from
Figs. laand 1c. Therefore, the site of fracture and the

time to fracture of the sample are predetermined early
in the stage of plastic flow. Note that, actualy, the
domains moving at the last stage of the process may
collapse at a certain time instant, as it is well seen in
Figs. laand 1cfor Al and Mg. Astime passes, only one
domain “survives,” namely, the one that emerges at the
site of subsequent macroscopic necking and ductile
fracture [4]. Usually, having appeared at the stage of

Coefficients of the equation for the domain velocity and the coordinates and times of fracture

Mg v Fe-Si
Parameter PureAl (=2.0 wt % Mn, (=2.3wt % Zr, (=3 Wt % Si)
=0.25 wt % Ce) ~0.4 wt % C) 0
a,s? 1.13x 1073 464 %1073 7.24x 1073 1.32x 1073
0o ms? 6.7x 1073 1.7x107?2 —6.1x 107 —1.27x1073
X* = dgla, mm 6.2 37 -8x103 1.0
=ty+Va,s 1174 1265 980 2560
TECHNICAL PHYSICS Vol. 50 No. 12 2005
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Fig. 2. Dependence V(§) in (a) submicrocrystalline alumi-
num, (b) magnesium aloy, (c) vanadium alloy, and (d) sili-
ceous iron.

Taylor hardening at n = 1/2, such a domain remains
almost immobile up to fracture but becomes progres-
sively strained as the flow decays in other domains.

DISCUSSION

Let us consider the formation conditions for the
bundles of straight lines X(t) shown in Fig. 1. It is
known [8] that these linesintersect if the domain veloc-
itieslinearly depend on coordinates ¢ of the site of birth
atimeinstantt=tg, i.e, if V(§) = a + a,. Here, a and
0, are empiric constants. Coordinate & is convenient to
measure from the stationary domain, as is shown in
Fig. 1a. The dependences V(&) for the materials studied
areplottedin Fig. 2, and corresponding constants a and
0, arelisted in the table. The domain velocity asafunc-
tion of the domain’s initial position was determined
from the slopes of the linesin Fig. 1. As follows from
Fig. 2, the curve V() is actualy linear for al the sam-
ples. The coefficient of parabolic strain hardening, 6 =
do/de ~ ne"~1, decreases with decreasing parabolicity
exponent n. Then, the velocity of the localized strain
fronts, V ~ 1/, is bound to grow with a decrease in n
and, accordingly, in8[5, 7]. Atn< 1/2, thevel ocity also
grows by virtue of EQ. (1).

The coordinates of the focal point, which corre-

spond to the site and time of fracture,
X* = ap/a, t* =t,+1/a,

were calculated in the same way asin [8] (see table).
Sincethefocuswasfound for all the materials, one may
suggests that it is a general sign of localization at the
stage of prefracture and associate the convergence of
the domains in the X—t coordinates with the automatic

ZUEV, DANILOV

V, mm/s
0.18}
0.16
0.14
0.12
0.10
0.08
0.06
0.04} =
0.02+

0

I I
-04-02 0 02 04 06 08 10 12

n

Fig. 3. Domain velocity V vs. parabolicity exponent n in
(&) magnesium aloy, (b) vanadium aloy, and (c) siliceous
iron.

fulfillment of condition V(&) = a¢ + a, in the samples
under tension at the prefracture stage with n < 1/2.

As was mentioned above, locdized plasticity
domains may originate on both sides of the site of sub-
sequent fracture (V, Fe-3% Si alloys) and on one side
(Al, Mg dloy). The domains originating on both sides
of the stationary domain make angles of unlike signs
with the axis of tension. This may be a reason for the
different type of ductile fracture in low-plasticity (bcc)
and high-plasticity (fcc and hcp) materials [9]. This
conjecture is supported by the different structure of
fracture surfaces. More plastic materials (Al and Mg
aloy) exhibit atypical pattern of shear ductile fracture,
while fracture in vanadium and Fe-3% Si aloy ismore
brittle [1].

Next, using Eq. (1) and normalizing the quadratic
dependence V(n) by the experimental values 'V, -, and
V, -1, = 0 corresponding to the stages of linear and
Taylor strain hardening (n = 1 and n = 1/2, respec-
tively), we estimated the values of n for each of the
mobile domainsin all the materials, except for the sub-
microcrystalline aluminum.? The results of such pro-
cessing (Fig. 3) indicate an intriguing property of the
dependence V(n): the parabolicity exponent is negative
(n< 0) for the fastest domains of localized plasticity. A
negative value of the exponent corresponds to the
descending branch of the conditional stress—strain dia-
gram [9, 10]; however, the parabolicity exponent for a
sample as a whole remains positive at this stage. It is
worth noting that the domains for which n < 0 sponta-
neously appear at the stage of prefracture and are geo-
metrically unrelated to the regions of localization aris-

2 In the submicrocrystalline aluminum, the stage of linear harden-
ing was absent and so the velocity corresponding to n = 1 could
not be measured.
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ing at the stage of Taylor hardening and remaining sta-
tionary aslongaso ~ J/e, i.e, atn= 1/2.

The dependences observed can be explained by sup-
posing that parabolicity exponent n may take different,
including negative, values in every localized plasticity
domain moving at the stage of prefracture. Then, one
has to admit that the deformability of separate domains
in a material may be different and the ability of the
material for strain hardening under the plastic flow con-
ditions may vary during this stage. It was shown [11]
that the dislocation structure inside plasticity domains
at various stages of deformation develops ahead of the
dislocation substructure between the domains, which
confirms this viewpoint.

CONCLUSIONS

Important points concerning the behavior of materi-
als at the stage of prefracture preceding macroscopic
necking can be summarized as follows.

(1) According to the evolution patterns that show
localized deformation zones immediately before the
onset of macroscopic necking, the site of fracture can
befound early in the process[4]. The stage of the stable
parabolic (Taylor) hardening (n = 1/2) is followed by
the transition stage with n < 1/2, which ends in the for-
mation of a macroscopic neck with subsegquent ductile
fracture. Such a change in n may correspond to the
instant the plastic flow becomes unstable [12-14].

(2) The patterns observed at the stage of prefracture
indicate that macroscopic necking shortens the zone of
intense plastic flow and suppresses the plastic flow in
the rest of the sample. As the sample elongates, the
wavelength of local deformation decreases.

(3) It seems that localized strain domains appearing
at the stage of prefracture evolve (in the sense of strain
hardening/softening) independently. In other words,
hardening domains (n > 0, 8 > 0) may coexist with soft-
ening ones (n < 0, B < 0) in the same sample. Each of
the domains moves with its own constant velocity,
which isalinear function of the start point coordinates.
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(4) Necking and the fracture zone nucleation start
long before fracture and result from the consistent
motion of plastic flow domains concentrating at the site
of subsequent ductile fracture. Its position isfixed early
in the process by a domain arising at the end of Taylor
hardening. Thetime of fractureis defined by the consis-
tent motion of all the domains.

REFERENCES

1. V. 1. Danilov, G. V. Shlyakhova, L. B. Zuev, et al., Fiz.
Met. Metalloved. 98 (3), 107 (2004).

2. S. A. Barannikova, V. |. Danilov, and L. B. Zuev, Zh.
Tekh. Fiz. 74 (10), 52 (2004) [Tech. Phys. 49, 1296
(2004)].

3. J. Friedel, Dislocations (Pergamon, Oxford, 1964; Mir,
Moscow, 1967).

4. T. M. Poletika, G. M. Narimanova, S. V. Kolosov, and
L. B. Zuev, Prikl. Mekh. Tekh. Fiz. 44, 132 (2003).

5. L.B.Zuev,V.I.Danilov, T. M. Poletika, and S. A. Baran-
nikova, Int. J. Plast. 20, 1227 (2004).

6. V.M. Segd, V. |. Reznikov, V. |. Kopylov, and D. A. Pav-
lik, Processes of Sructure Formation in Metals (Navuka
i Tekhnika, Minsk, 1994) [in Russian].

7. L. B. Zuev and V. I. Danilov, Philos. Mag. A 79, 43
(1999).

8. Ya B. Zd’'dovichand A. D. Myshkis, Elements of Math-
ematical Physics (Nauka, Moscow, 1973) [in Russian].

9. F. McClintock and A. Argon, Mechanical Behavior of
Materials (Reading, New York, 1966; Mir, Moscow,
1970).

10. V. V. Struzhanov and V. I. Mironov, Srain Softening of
Sructure Materials (Inst. Mashinoved. UrO RAN,
Yekaterinburg, 1995) [in Russian].

11. L. B. Zuev, T. M. Poletika, and G. M. Narimanova,
Pis'ma Zh. Tekh. Fiz. 29 (12), 74 (2003) [Tech. Phys.
Lett. 29, 519 (2003)].

12. E. C. Aifantis, Int. J. Non-Linear Mech. 31, 797 (1996).

13. G. A. Malygin, Fiz. Tverd. Tela (St. Petersburg) 47, 236
(2005) [Phys. Solid State 47, 246 (2005)].

14. G. A. Malygin, Fiz. Tverd. Tela (St. Petersburg) 47, 870
(2005) [Phys. Solid State 47, 896 (2005)].

Trandated by A. Sdorova



	1535_1.pdf
	1544_1.pdf
	1551_1.pdf
	1561_1.pdf
	1568_1.pdf
	1583_1.pdf
	1592_1.pdf
	1605_1.pdf
	1611_1.pdf
	1617_1.pdf
	1623_1.pdf
	1628_1.pdf
	1632_1.pdf
	1636_1.pdf

