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In many problems of polymer physics, it becomes
necessary to reconstruct the density p(t) of the mode

distribution exp E—% over relaxation times [1]. The

spectrum of the relaxation times makes it possible to
describe in broad limits rheological properties of poly-
mers. At the same time, this spectrum is assumed to be
closely related to the structure of macromolecules[2].

It is considered that initially predetermined arbi-
trarinessisinherent in well-known methods of describ-
ing relaxation spectra[3, 4]. This arbitrariness is mani-
fested in attempts of interpreting experimental data. For
example, in the case of the discrete description method,
while realizing different fitting procedures, it is easy to
obtain unboundedly many complexes of relaxation
times and discreteemode weights. These complexes
describe experimental curveswith a given accuracy but
have no direct correlation either with each other or with
the polymer structure. In the continuous description
method, an ill-posed problem arises of reconstructing
p(T) asasolutionto alinear integral equation of thefirst
kind, which is traditionally solved by regularization
methods. In this case, the arbitrariness of reconstruct-
ing p(1) ismasked by the method of the organi zation of
the regularization process and discretization of theinte-
gral equation. However, it was noted [ 3] that, in spite of
the apparent arbitrariness in describing the relaxation
spectrum, its integral characteristics very often revea
an entirely consistent behavior.

In this paper, we suggest a method that alows the
indicated discrepanciesto be overcome.

In the discrete variant, the relaxation function g(t)
being experimentally measured and the corresponding
complex function G(w) of the frequency modulus are
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related to the relaxation spectrum [2] by the formula

N N .
— tQo _ 10T,
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Here, {1, pe}, k=1,2, ..., Nisaset of N relaxation
times and weights of the corresponding modes. In the
continuous variant, formula (1) has the form
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According to their physical sense, the values t,, py,
and p(1) are nonnegative. The kinetic function and fre-
guency function are related to each other by the Fourier
transformation

00

G(w) = iwj'exp(—itw)g(t)dt.
0

Representations (1) and (2) admit their natural uni-
fication in terms of distribution functions and Stieltjes
integral construction. We now assume [5, 6] that the
relaxation spectrum is described by the distribution
function P(1), where P(1) isthe integral intensity of the
relaxation spectrum in the half-interval [0, T). Thefunc-
tion P(1) is defined on the extended semiaxis R, =
[0, o] so that P(0) = 0. This function is continuous to
the left for 0 < T < oo but it may have discontinuities at
the points T = 0, c. These end discontinuities exist in
the case of purely elastic and inert contribution, respec-
tively, to the relaxation spectrum. We denote the totality
of al distribution functionsin R, as M(R,) and express
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the functions g(t) and G(w) by an integral in the
Stieltjes sense [ 7] with respect to P(1):

T
l+iwt

o) = fepfHIP0). G = [137570P0)- O
0 0

In terms of the Stieltjes integral, the steplike distribu-
tion function

P(1) = z ph(T—T14),
k=1

corresponds to discrete case (1). Here, h is the Heavi-
side step function. The distribution function

P(T) = IP(E)dE,
0

corresponds to the continuous variant; i.e., P(1) is the
antiderivative of the density p(1).

In order to avoid an uncertainty in formulas (3) at
T = 0, we complement the definition of the integrand
)
l+iwt
1>0anda(t, 1) = 8y, b(w, 1) = 8,,, a T =0, where 8, is
the Kronecker delta. Thus, written out in a rigorous
form, formulas (3) are transformed to

9() = [a(t, )dP(T), G(w) = [b(w, AP(T).

In applications associated with reconstructing the
function P(1), aquestion of the uniqueness of thisfunc-
tion and its stability to perturbations of both g(t) and
G(w) unavoidably arises. We restrict our further analy-
sisto construction of P(1) according to the kinetic func-
tion g(t), since the description of the frequency-recon-
struction variant differs negligibly.

The property of uniqueness follows from the prop-
erty of unambiguous reversibility of the Laplace trans-
formation. The property of stability is formulated in
terms of the weak convergence of monotonous func-
tionson R, [7, 8] similarly to the following continuity
principle.

Letg, P,(n=1,2,...), g, P bethe sequence com-
posed of kinetic curves and of the corresponding distri-
bution functions. Then, the convergence g.(t) —= g(t)
for all 0 <t < o isequivalent to the weak convergence
P,0 PonR,.

This statement is proved by combining the Helly
theorem on the choice of a convergent subsequence of
monotonic functions and the property of unigqueness.

The convergence condition for g,(t) at t = O israther
important. If it isthen eliminated from the convergence
g,(t) —= g(t) att > 0, it follows only that lim P, (1) =
P(1) + Ch(1), where C is an arbitrary constant.

kernels setting a(t, T) = exp E—% , b(w, 1) =
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The properties of the uniqueness and continuity
imply that the inverse problem

A[P] =g, POM(R,), “)

[

where A[P](t) = J’ a(t, 1) dP(1) is an integral operator,

0
belongs to a well-posed problem in the classic Had-
amard sense for the functions g belonging to the trans-
form Z = AIM(R,)]. Here, Z is treated as a space with

the metric p(z;, 2,) = z,(0) — z,(0)| + J'|Zl(t) —z,(t)|dt or

its equivalent. It is worth noting that Z has an indepen-
dent faithful description: it is a class of absolutely
monotonic Bernstein functions[8].

Dueto the limited convexity of the definition region
and theregion of values, operator equation (4) isnot the
traditional linear equation of the first kind. These are
the limitations that provide continuous reversibility of
the affine operator A: M(R,) — Z and, conseguently,
the correctness of inverse problem (4).

It iswell known that from the weak convergence of
the distribution functions P, O P follows the conver-
gence of the Stieltjes integral

lim [£(1)dPy(1) = [f(1)dP(T)

for an arbitrary function f(T) continuous on R,. Hence,
it follows that the integral moments of the distributions
converge when the corresponding kinetic functions
gn(t) converge pointwise, and the distributions P,(T), in
themselves, are concentrated within the range T < C of
relaxation times.

When measuring g(t) experimentally, we obtain a
function with anoise component certainly violating the
fine descriptive condition of the solvability g O Z.
Therefore, after the extremal problem

Iv(dt)IA[P] —g% — min for POM(R,) (5)
4

has been analyzed, we introduce a natural notion of the
generalized solution. Here, g, v(dt), T are the parame-
ters of the functional being minimized, namely, > 1is
the Holder index, T isthe set of nonnegative numbers of
measurement times, and v(dt) is a certain nonnegative
Radon weight measure. It is finite and locally positive
onT hasajumpatt=0,i.e,v({0})>0. Theset T must
contain 0 and must have afinite positive limiting point.
For example, T={0} O [t,, t,] issuitable, wheret, < t,.

In expression (5), the minimum is sought among
monotonic functions of the class M(R,). Solution (5) is
called the optimal integral representation of the func-
tion g over the kernel a(t, t) in the Banach space
Ly(T, v). Thefollowing property of uniqueness and sta-
bility isvalid for optimal integral representation.
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(@) For any arbitrary function g O Ly(T, v), there
exists a unique optimal distribution P[g].

(b) If the sequence of the functions g, isweakly con-
vergent in Ly(T, v) to g, then the corresponding optimal
integral representations weakly converge as monotonic
functionsonR,, i.e., P[g,] O P[g].

Thus, the optimal integral representations are espe-
cidly stable: they are stable to integrated small errors
and even ignore the white noise with arbitrary ampli-
tude, which is superimposed on the true function g(t).

While setting extremal problem (5), it is theoreti-
caly admissible to use an arbitrary finite positive
weight measure v(dt) and the Holder index g that con-
trol the contribution to the measurement functional at
different t and the sensitivity of the functional to large
spikes.

In the case of numerical realization of the method,
we dea with afinite set of measurement times T = {t; },
j=1,2,...,n.We perform the discretization of the con-
tinuous problem introducing a fixed net of nodes {1;},
i=1, 2, ..., m The desired distribution function is
approximated by the steplike combination P(1) =

m

z oh(T-T19).
i=1

Instead of infinite-dimensiona extremal problem (5),
we now obtain

J(a) = Zvi
i=1
a,=20,

m

Za(tjfTi)ai_g(tj)

i=1

q
— min,

(6)
i =1,2, ...,m,

where v; is a set of fixed positive weight coefficients.
Thisis the problem of minimizing a finite-dimensional
convex function on acone of nonnegative vectors. Inits
solution, the logarithmic penalization method [9] com-
bined with the second-order descent is rather efficient,
which results in rapidly convergent iterations. In the
usual case of employing the index g = 2, problem (6)
relates to the quadratic programming, and the NNLS
finite-step algorithm [10] is applied in solving the
problem.

In order to attain a good approximation of continu-
ous problem (5) by discrete problem (6), a sufficiently
dense net of nodes 1;, t; about tens per decade is neces-
sary, which covers the region of a possible concentra-
tion of the relaxation spectrum. Among moments of
measurements of T and among discretization nodes, it
isdesirable (but not necessarily) tohavet =0and 1 =0,
oo, respectively. The window of the concentration of
positive timest must be wider to both sides by an order
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of magnitude than the window of positive nodes T, .
Thisallowsthe manifestation of the degeneration of the
matrix columns {a(t;, T;)} to be avoided As aresult, the
typical dimension of problem (6), which we meet in
applications, israther high (m, n ~ 300). The practice of
solving problem (6) has shown that the method of dis-
posing calculation nodes{t;} doesnot affect the quality
of the solution, only the net density is important.
Although different sets of weights are calculated for
different representations of nodes, the corresponding
final primitive steplike distribution functions coincide
with each other within an accuracy determined by both
the density of the nets and the error in g(t). The nonu-
nigueness of the solution (undetermined case) possible
inthe case of m> nisinsignificant. In practice, itisrea-
sonableto distribute finite positive nodes t uniformly in
the logarithmic scale and equalize weights for t > 0.
These practical observations are consistent with the
theory of the correctness of the optimal integral repre-
sentation, which was described above.
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Anincrease in the reactivity of reagents under crys-
tallographic transformations in solid-state synthesis is
known asthe Hedvall effect (see, e.g., [1]). However, as
was shown in [2-5], solid-state reactions in thin films
areinitiated independently of crystallographic transfor-
mations in reagents and begin at temperatures of struc-
tural solid-state transformations in the reaction prod-
ucts. In particular, the initiation temperature in a Fe/S
bilayer film system is determined by the temperature of
the metal—dielectric phase transition in iron monosul-
phide (FeS) [2]. Solid-state synthesis in Cu/Au films
occurs in the mode of self-propagating high-tempera-
ture synthesis (SHS) whose initiation temperature coin-
cides with the temperature of the order—disorder transi-
tion in a CuAu aloy [3]. The connection of solid-state
reactions in Ni/Ti and Cd/Au thin-film samples with
martensitic transformations in NiTi and AuCd aloys
was studied in [4, 5]. The genera rule of the formation
of the first phase and phase sequence in bilayer films
and multilayers with increasing annealing temperature
was formulated in [4] as follows. The first phase form-
ing at the film interface is a phase with the minimum
temperature of structural phase transformations in the
phase diagram. Further phase formation with an
increase in the annealing temperature for solid-state
reactionsin thin filmsis determined by structural trans-
formationsin agiven binary system. Theinitiation tem-
peratures of solid-state reactions coincide with the tem-
peratures of structural phase transitions.

Thefirst-phase rule indicates that the initiation tem-
peratures T, of synthesisin bilayer films and multilay-
ers are equal to the temperatures T, of solid-state tran-
sitionsin the corresponding binary systems and implies
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that the mechanisms of synthesis and phase separation
are of primary importance in solid-state transforma-
tions.

Theaim of thiswork isto expand the first-phase rule
to superionic transformations by the example of solid-
state synthesis of copper selenidein the Se/Cu thin-film
system.

In the Se—Cu system, the low-temperature a-Cu,Se
phase, whose structure is not definitely determined, is
transformed to the cubic superionic high-temperature 3
phase at a temperature of T, ~ 380400 K. The super-
ionic-transformation temperature T, decreases strongly
with deviation from stoichiometry, and T for Cu, _,Se
samples with x ~ 0.2 is about room temperature. The
[3-Cu,Se superionic phase exhibits mixed conductivity,
whose ionic component is about 10% [6].

The experiments were carried out with bilayer film
systems consisting of Cu and Se layers obtained by
sequential deposition on glass substrates and freshly
spalled (001)MgO surface. The thicknesses of Cu and
Se films were in the ranges 50-100 and 100-200 nm,
respectively. More complete data concerning the condi-
tions of the production of bilayer film samples and ini-
tiation of SHSinthem were givenin[2—4]. The original
bilayer samples exhibit reflexes only from (111) and
(200) Cu planes, which indicates primary growth in
these planeswith respect to the glass substrate (Fig. 1a).
The absence of reflexesfrom Seimpliesthat it isgrown
amorphous or small-crystalline on the Cu surface. Sam-
ples were heated at arate of n ~ 1 K/s. The solid-state
reaction between Cu and Se layers was initiated at a
substrate temperature of Tg~ 380 K and occurred inthe
SHS mode, whose front propagated typically for SHS
inthin films. Figure 2 showstherelative resistance R as
a function of the substrate temperature Ts. Behind the
SHS front, thereis aregion where the color of the orig-
inal film changes. However, diffraction patterns do not
indicate the formation of compounds in this region. It
likely exists dueto the melting or structural transforma:
tion of amorphous selenium. Analysis of reacted Se/Cu
film samples indicates that synthesis occurs over the
entire thickness of a film. As follows from diffraction
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Fig. 1. Diffraction patterns of the Se/Cu bilayer film system: (a) before the reaction, (b) after the passage of the SHS wave through
the original sample and after the secondary initiation of SHSin the film system consisting of the Cu,Se reacted sample and the Se

layer deposited on it.

patterns, reacted samples (Fig. 1b) consist of a mixture
of the a-Cu,Se and 3-Cu,Se phases. The reaction prod-
ucts can aso include CuSe and Cu;Se, phases due to
the Cu,Se-Cu, _,Se and CuSe—Cu;Se, phase transforma:
tions as a result of aging and thermal processing [7, 8].
Reacted samples do not include the nonstoichiometric
Cu, _,Se phase, which is always present when other
obtaining methods are used [7—10]. The most substan-
tial feature is the possibility of continuing solid-state
synthesisif areacted Cu,Se sampleis covered by an Se
layer. The reaction in these Se/Cu,Se and Se/Cu,Se/Cu
film systems occurs in the SHS mode and isinitiated at
the same temperature T, = 380 K. The diffraction pat-
tern from twice-reacted samples was similar to that
from samples reacted only once (Fig. 1b). The continu-
ation of the reaction impliesthat synthesisin Se/Cu,Se
and Se/Cu,Se/Cu film systems is accompanied by the
formation of nonstoichiometric Cu, _,Se phase, aswell
as CuSe and Cu;Se, phases, which exist in awide com-
position range and can be produced from Cu,Se phase.

Solid-state synthesisin bilayer film systemscan also
be initiated if the upper layer is deposited at the sub-
strate temperature Tg above the initiation temperature
To (Ts > Ty). When Se is deposed on a single-crystal
Cu(001) surface grown on a MgO(001) spall, the dif-
fraction pattern involves only reflexes with interplane
spacingsd, = 0.68 nm and d, = 0.34 nm. These reflexes
correspond to reflections from (110) and (220) planes
of the (card 19-0401 JCPSD) orthorhombic form, from
(111) and (222) planes of the (card 29-568 JCPSD) tet-
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ragona form, or from (030) and (060) planes of the
(card 27-1131 JCPSD) monoaclinic form of the a-Cu,Se
phase. Self-propagating high-temperature synthesis
often leads to single-crystal reaction products [11]. The
formation of an a-Cu,Se single-crystal layer on the
Cu(001) surface implies that atomic transport through a
reaction product in synthesis is directed and ordered.
This deterministic atomic motion is responsible for ori-
ented growth with the formation of orientationa rela
tions between reagents and reaction products.

The initiation temperature T, of SHS in Se/Cu
bilayer filmsisequal to the temperature Ty of the supe-
rionic transition in Cu,Se phase, and the reaction prod-
ucts include the Cu,Se phase and phases to which it is
transformed. Therefore, solid-state synthesis in Se/Cu
film systems is determined by the superionic transition
in the Cu,Se phase and satisfies the first-phase rule pre-
sented above. Assuming that the initial resistance R,
correspondsto the resistance of the original sample and
the final resistance Ry correspondsto the reaction prod-
ucts, we conclude that the reaction rate k(Tg) depends

R(Ts) —Ro

N(R¢—Ry)’
ing that n in this relation is constant and K(Ts) =

on the substrate temperature Tg as ———=————. Assum-

AexpD kT 4] where A is constant, we obtain the reac-

tion activation energy E, from R(Tg) (Fig. 2). This
energy is equal to 0.9 eV near the initiation tempera-
ture. This value agrees with the low energy of ionic-
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Fig. 2. Relativeresistance Rvs. the substrate temperature Tg

for the heating rate n ~ 1 K/s of the Se/Cu bilayer film sam-
ple. The arrows show the direct and reverse variation in
resistance.

conductivity activation, which does not exceed 0.3—
0.4 eV inthe superionic state [12].

Let us assume that the reaction front starts at the
interface and propagates inside the film with the SHS
front velocity V; inthefilm plane. Inthiscase, thelower
limit of the diffusion coefficient when the SHS front
passesis estimated as D, = Vi d ~ 10~ m?/s, whered =
100 nm is the thickness of the reacted layer and V; =
100 m/sisthe front velocity near the initiation temper-
ature. This estimate coincides with the diffusion coeffi-
cients of Ag* cations in Ag-based superionic conduc-
tors [12]. The above results imply common mecha-
nisms of solid-state synthesis and fast ionic transport
and make it possible to propose the following model of
solid-state synthesis in Se/Cu bilayer systems deter-
mined by the superionic transformation in the Cu,Se
phase. The interface between film condensates after
chemisorption isa 2D reaction product, whichisagerm
of the first phase. When the temperature of the bilayer
film exceeds the superionic transformation temperature
(Ts > Ty), the 2D germ of the first phase is transformed
to the Cu,Se superionic phase. Since the cation mobility
of Cu atomsis high in the superionic state, copper cat-
ions migrate through the 2D (-Cu,Se layer of the reac-
tion products into the selenium film. The transport of Cu
cation lines through the B-Cu,Se layer must occur via
cooperative jumps from one crystallographic position to
another in channels coinciding with conductivity chan-
nels [12] and must be directed, which ensures a low
energy of synthesis activation. Self-organization in the
motion of Cu cations is responsible for the growth of a
new epitaxial 3-Cu,Se layer at the interface with sele-
nium. As the substrate temperature decreases below the
initiation temperature (Tg < Tgp), the high-temperature
B-Cu,Se phase is transformed to the low-temperature
0-Cu,Se phase and synthesis is damped.

In conclusion, we note that SHSin thin films propa-
gatesto adepth up to 200 nm and indicates that synthe-
sis mechanisms are long-range. The way of the migra-

MYAGKOV et al.

tion of atoms to the reaction zone is important. The
kinetics of front propagation are independent of the
kind of the solid-state transformation (order—disorder
transition, martensitic transformation, or superionic
transition) determining SHSin thin films. This property
implies that these transformations have a common
physicochemical mechanism. Indeed, the order—disor-
der phase transition can proceed through the martensi-
tic mechanism (see, e.g., [13]). The similarity between
martensitic and superionic transformations was previ-
ously analyzedin[1, 14]. Sincethe activation energy is
low and mobility of atomsis high at Tg> T, = T, dif-
fusionless, martensitic-like, and collective mechanisms
of atomic transport can play the primary role in the
solid-state transformation and at the initia stage of
solid-state synthesisin thin films.
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Investigations of the last decade significantly
extended the list of known zeolite-like compounds,
whose crystal structure is based on mixed frameworks
composed of various anion polyhedra. In addition to the
well-known natural and artificial zeolites with the Al
and S tetrahedron frameworks, a large number of
microporous phases with three-dimensional anion con-
structions based on Zn—P, Be-P, Zn—As, AlI-P, and other
cation matrices were found [1-6]. Oxygen complexes
of amphoteric metals in combination with [PO,]* acid
complex anions form mixed anion frameworks contain-
ing pores or channels, where either alkaline or organic
cations are located. In this group of compounds, which
are often used as molecular sieves as an aternative to
auminum silicates, aluminum phosphates are most
studied. Systematically investigating aluminum phos-
phates, we synthesized one more such compound.

In thiswork, we study colorless transparent isomet-
ric well-cut crystals up to 5 mm in size, which were
produced in standard Teflon-lined 4-cm?® autoclaves by
the method of soft hydrothermal synthesis (T = 250°C
and P = 100 atm). A mechanical mixture of Na,O—
Al,O;P,0-B,0; components prepared in equal
weight amountswasintroduced into awater-filled auto-
clave. Experiments continued for 18-20 days. The dif-
fraction pattern recorded from a powder sample by a
DRON UM diffractometer indicated that the synthe-
sized compound is original. The X-ray anaysis (Can-
Scan 4DV) showed that this phase include Na, Al, and
P atoms.

Investigating a single crystal with a SYNTEX P1
four-circle autodiffractometer, we found that the param-
eters of a rhombic (pseudotetragonal) unit cell are a =
8.475(2) A, b=8.471(2) A, and c = 14.319(3) A. Exper-
imental data needed to interpret the structure were
obtained with the same diffractometer (MoK, radia-

Moscow State University,
\orob' evy gory, Moscow, 119899 Russia

* e-mail: yakubol @geol.msu.ru

tion) by the 28 : 8-scanning method. The intensities of
reflexes were adjusted with alowance for the Lorenz
factor and polarization effect.

Calculations were made with the SHELX program
package [7, 8] by using the curves of atomic scattering
and the corrections for anomalous dispersion taken
from [9]. We could not find a structural model in the
framework of the tetragonal symmetry (P4,2,2 space
group). For thisreason, we supposed that the crystal has
rhombic symmetry, and the pseudotetragonal symme-
try results from merohedric or pseudomerohedric
microtwinning. The structure was determined by direct
methods and refined in the anisotropic full-matrix
approximation with allowance for absorption and sec-
ondary isotropic extinction. In the absence of chemical
analysis, atoms were identified by taking into account
the composition of the system in the process of crystal
synthesis, interatomic spacings, temperature factors,
and the character of ellipsoids of thermal vibrations.
Allowance for pseudotetragonal twinning showed that
the samples under investigation contain two kinds of
objects with different orientations in a ratio of
0.440(3) : 0.560(3). The Flack parameter [10] testified
to the proper choice of an “absolute” acentric configu-
ration (P2,2,2, space group). The structureis described
by the formula

Nay{ Al;(OH),[PO,];}.

The positions of hydrogen atoms were localized by
difference synthesis of the electron density and refined
in the isotropic approximation. The crystallographic
characteristics of the new phase, data of X-ray analysis,
and refinement parameters of the structure are listed in
Table 1. The coordinates of basic atoms (with the aniso-
tropic and equivalent temperature factors) and inter-
atomic spacings are presented in Tables 2 and 3, respec-
tively. Table 4 presents the geometric characteristics of
hydrogen bonds. The local balance of valences includ-
ing the contribution of protons [11, 12] is given in
Table 5.

The crystal structure is formed by two types of Al
polyhedra (in three nonequivalent positions)—octa

1028-3358/03/4805-0209%$24.00 © 2003 MAIK “Nauka/ Interperiodica’
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Table 1. Crystallographic characteristics and data of the experiment and structure refinement

Crystallographic characteristics

Chemica formula
Absorption p, mm=
Space group
The number of formula units Z
Parameters of aunit cell, A:
a
b
c
Unit-cell volume V, A3
Density p, g/cm®

Experimental data

Diffractometer
Radiation
Temperature, K

Measured range: 6/,

Data of structure refinement
The number of reflection: independent | and observed with | > 1.960(1)

Refinement method
The number of refined parameters
Correction for absorption
Trmaxe Tmin
Uncertainty parameters:
R (for observed reflexes)
wR, (for all independent reflexes)
S
Extinction coefficient
Residual election density, e/A3

Nay{ Al3(OH),[PO,]3}
1.014

P2,2,2;
4

8.475(2)
8.471(2)
14.319(3)
1028.0(4)
2.881

SYNTEX P 1
MoK, (Graphite monochromator)
293
35°00

2404/2251
in F2
206

DIFABS
1.000, 0.758

0.046
0.099
1.009
0.0004(7)

Pmax = 0.71,
Pmin =—0.65

and pentahedra. The shape of All octahedra is rather
regular, and they are larger than Al2 and Al3 pentahe-
dra. Cation—oxygen interatomic spacings in All octa-
hedra vary from 1.869 to 1.909 A (the average value is
equal to 1.891 A), while the average spacings in Al2
and Al3 polyhedra are equal to 1.830 and 1.832 A,
respectively. The cis-type conformation is typical for
AlO,(OH), octahedra. The bond lengths between Al
atomsand two OH groupsin the cis-position areminimal
in apolyhedron and are equal to 1.869 and 1.880 A. One
vertex in each of the Al2 and Al3 pentahedra is aso

occupied by ahydroxyl group, but the interatomic spac-
ings (AlI2-OH = 1.801 A and AI3-OH = 1.842 A) are
not minimal in the corresponding polyhedra. Although
the mean aluminum—oxygen bond lengths in pentahe-
dra coincide to within the limits of experimental error
(0.005 A), it is seen (Table 3) that the spread of the
lengthsin Al2 polyhedrais wider. For example, Al2-O
interatomic lengths lie in the range 1.782-1.884 A,
whereas the minimum and maximum AlI3-O lengthsin
Al3 pentahedra are equal to 1.795 and 1.858 A, respec-
tively.
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Table 2. Coordinates of the basic atoms and equivalent and anisotropic thermal parameters (A?)
Atom xla yib zlc Ueq Uy Uy, Uazs Uys Uz Uy
All | 0.6540(2) | 0.6181(2) | 0.0418(2)|0.0072(3) | 0.0090(8) | 0.0053(7) | 0.0073(6) |-0.0001(7)| 0.0009(7)| 0.0002(6)
Al2 | 0.8631(2) | 0.3832(3) | 0.1994(1)|0.0078(3) | 0.0089(9) | 0.0077(8) | 0.0070(7)| 0.0005(7)| 0.0001(6)| 0.0010(6)
Al3 | 0.3923(2) | 0.1099(2) | 0.1134(1)|0.0080(3) | 0.0075(7) | 0.0083(8) |—0.0006(7)| 0.0006(7)| 0.0005(6)|—0.0003(6)
P1 | 0.5369(2) | 0.2837(2) | 0.2924(1)|0.0070(2) | 0.0084(7) | 0.0067(7) | 0.0058(4)| 0.0002(5)| 0.0009(5)| 0.0005(5)
P2 | 0.9712(2) | 0.7247(2) | 0.1280(1)|0.0067(2) | 0.0060(7) | 0.0067(7) | 0.0075(5)| 0.0001(5)|—0.0005(5)|—0.0003(4)
P3 | 0.0508(2) | 0.2021(2) | 0.0459(1)|0.0073(2) | 0.0079(6) | 0.0061(7) | 0.0079(5)|—0.0018(6)|—0.0006(5)| 0.0008(5)
Nal | 0.7603(4) | 0.9798(4) |-0.0365(3)|0.0374(9) | 0.019(1) | 0.021(2) | 0.073(2) | 0.002(2) |-0.011(2) |—0.005(1)
Na2 | 0.2205(4) | 0.5008(4) | 0.2890(3)|0.0402(10)| 0.017(2) | 0.024(2) | 0.080(3) | 0.023(2) [—0.009(2) (—0.006(1)
01 | 0.5150(6) | 0.1813(6) | 0.3796(3)|0.0109(9) | 0.012(2) | 0.010(2) | 0.011(2) | 0.003(2) | 0.001(2) |-0.003(2)
02 | 0.0167(6) | 0.0359(5) | 0.0097(3)|0.0086(8) | 0.011(2) | 0.007(2) | 0.008(2) |-0.002(2) | 0.003(2) |-0.003(2)
03 | 0.7035(5) | 0.4725(5) | 0.1353(3)|0.0141(9) | 0.010(2) | 0.013(2) | 0.019(2) | 0.010(2) |-0.006(2) |—0.003(2)
04 | 0.3131(5) | 0.9488(5) | 0.0408(4)|0.0099(7) | 0.012(2) | 0.008(2) | 0.010(1) | 0.001(2) |-0.005(2) | 0.001(2)
05 | 0.8023(6) | 0.7628(6) | 0.0940(3)|0.0107(8) | 0.009(2) | 0.009(2) | 0.014(2) | 0.001(2) |-0.001(2) | 0.002(2)
06 | 0.9233(6) | 0.2333(6) | 0.1197(3)[{0.0102(9) | 0.013(2) | 0.012(2) | 0.006(2) [—0.004(2) | 0.001(2) |—0.003(2)
O7 | 0.0081(6) | 0.8526(6) | 0.2014(3)[0.0109(9) | 0.011(2) | 0.007(2) | 0.014(2) | 0.000(2) |—0.003(2) |—0.000(2)
08 | 0.5868(5) | 0.7713(6) |-0.0460(3)|0.0087(8) | 0.009(2) | 0.012(2) | 0.005(2) | 0.003(2) |-0.002(2) |-0.001(2)
09 | 0.9869(6) | 0.5599(6) | 0.1716(3)|0.0103(9) | 0.012(2) | 0.007(2) | 0.012(2) | 0.003(1) |-0.003(2) |-0.001(2)
010 | 0.2917(6) | 0.7613(6) | 0.2395(3)|0.0108(9) | 0.007(2) | 0.010(2) | 0.015(2) |-0.002(2) | 0.003(2) | 0.003(2)
011 | 0.4231(6) | 0.2479(6) | 0.2125(3)|0.0114(9) | 0.013(2) | 0.010(2) | 0.011(2) |-0.005(2) |-0.003(2) |-0.001(2)
012 | 0.5032(6) | 0.4589(5) | 0.3176(3)|0.0101(8) | 0.009(2) | 0.007(2) | 0.014(2) [—0.000(2) |-0.002(2) | 0.003(2)
013 | 0.2143(6) | 0.2233(6) | 0.0892(4)[0.0128(9) | 0.006(2) | 0.013(2) | 0.019(2) [-0.003(2) |-0.002(2) | 0.003(2)
014 0.0423(6) | 0.3243(6) [—0.0339(3)|0.0120(9) | 0.009(2) | 0.011(2) | 0.016(2) | 0.008(2) |—0.000(2) |—0.003(2)
H1 | 0.63(1) 0.44(1) 0.137(8) |0.05(3)
H2 | 0.36(1) 0.88(1) 0.043(8) |0.04(3)
Note: For H atoms, the isotropic thermal factors are presented.
Table 3. Interatomic spacings, A
Al1-octahedron Al2-pentahedron Al3-pentahedron P1-tetrahedron
Al1-03 1.869(5) Al2-06 1.782(5) Al3-014 1.795(5) P1-0O11 1.527(5)
04 1.880(5) 03 1.801(5) 013 1.821(5) o1 1.531(5)
08 1.895(5) o7 1.810(5) o4 1.842(5) 010 1.535(5)
02 1.896(5) 09 1.871(5) 012 1.844(5) 012 1.553(5)
o1 1.899(5) 010 1.884(5) 011 1.858(5)
05 1.909(5)

Mean 1.891 Mean 1.830 Mean 1.832 Mean 1.537
P2-tetrahedron P3-tetrahedron Nal-octahedron Na2-octahedron
P2-0O8 1.529(5) P3-02 1.529(5) Nal-08 2.303(6) Na2-O7 2.313(6)
09 1.535(5) 013 1.529(5) 02 2.326(6) 010 2.394(6)

o7 1.542(5) 06 1.534(5) o1 2.634(6) 012 2.456(6)
05 1.546(5) 014 1.544(5) 05 2.645(7) 05 2.629(6)
013 2.654(7) 09 2.645(6)
014 2.680(6) 06 2.660(7)
Mean 1.538 Mean 1534 Mean 2.539 Mean 2.516
DOKLADY PHYSICS Vol.48 No.5 2003
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Table 4. Geometric characteristics of hydrogen bonds
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D-H--A D-H, A H--A, A D--A A DA_”HQJ_'_‘_eA
0O3-H1--011 0.66(9) 2.63(9) 3.238(6) 155(11)°
.01 0.69(9) 2.29(9) 2.925(7) 154(12)°
O4-H2",
08 0.69(9) 2.50(9) 3.031(6) 136(11)°
Note: D and A are the donor and the acceptor of a hydrogen bond.
Table5. Bond—valence analysis
Atom All Al2 Al3 P1 P2 P3 Nal Na2 H1 H2 > [8]
01 0.51 1.26 011 0.07 1.95 0.05
02 0.52 127 0.25 2.04 0.04
O3(0CH) | 0.55 0.67 0.92 214 0.14
O4(CH) | 0.54 0.60 0.89 2.03 0.03
05 0.50 121 0.10 0.11 192 0.08
06 0.70 1.25 0.10 2.05 0.05
o7 0.65 122 0.25 212 0.12
o8 0.52 127 0.26 0.04 2.09 0.09
09 0.55 1.25 0.10 1.90 0.10
010 0.53 1.25 0.20 1.98 0.02
o111 0.57 1.28 0.04 0.08 197 0.03
012 0.59 1.19 0.17 1.95 0.05
013 0.63 127 0.10 2.00 0.00
014 0.68 122 0.10 2.00 0.00
> 3.14 3.10 3.07 4.98 4.95 5.01 0.92 0.97
Note: Thebalanceis calculated using the relationship s;; = exp %—B—'-—E)B—'% » Wheres; isthe valence force of theith cation that istransmitted

to the jth anion; the bond length R; of unit valence for a particular cation—anion pair is tabulated as an empirical constant; and R;j is
the experimental cation—anion length in a particular crystal structure; and b = 0.37.

The lengths of P-O bonds in three independent PO,
tetrahedron complexes vary from 1.527 to 1.553 A (the
mean value is equal to 1.536 A), which is quite usual
for orthophosphate groups. Cation—oxygen interatomic
spacings in sodium octahedra lie in the range 2.303—
2.680 A (the mean value is equal to 2.539 A) and
2.313-2.660 A (the mean valueis equal to 2.516 A) for
Nal and Na2, respectively. An additional oxygen atom
lying at adistance of 2.955 A completes an anion poly-
hedron around Na2 to a septahedron.

Hydrogen bondsin the structure are rather weak and
(asistypica of inorganic compounds) asymmetric and

essentially nonlinear (Table4). The system of hydrogen
bonds is complicated by the presence of bifurcated
bonds between an O4 donor and two O1 and O8
acceptors.

Each Al1 octahedron shares two OH vertices with
the neighboring Al2 and Al3 pentahedra, which form
band-shape constructions parallel to the c axisin a unit
cell (Fig. 1). The Al2 and Al3 polyhedra have no com-
mon vertices and interact via All octahedra within
bands consisting of Al;(OH),0;,. Orthophosphate tet-
rahedra share all oxygen vertices with Al polyhedra,
thereby uniting the bands described above into aframe-
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Fig. 1. Crystal structure of Nay{ Al3(OH),[POy4]3} in the projection aong the diagonal of the ab plane. Bandsthat are parallel to the

c axis and consist of vertex-linked Al polyhedra are clearly seen.

work construction (Fig. 2). Each of the P1 and P3 tetra-
hedra shares two vertices with the Al3 pentahedra and
one vertex with the Al1 and Al2 polyhedra. A P2 tetra-
hedron has no common oxygen atomswith the Al 3 pen-
tahedra and shares two vertices with an Al 1 octahedron
and two vertices with an Al2 pentahedron. The result-
ing mixed-type framework { Al;(OH),[PO,]5} . o . CON-
tains parallel [001] channels having tri- and octagonal
cross sections. In the latter, Na* cations are Situated
(Fig. 3a).

In the framework of the Na-Al-P-O—H system,
there are two natural minerals: wardite

Na{ Al;(OH),(H,0),[PO,],} [13]
and brazilianite
Na{ Al;(OH),[PO,],} [14].

Their structures are based on mixed anion frameworks
composed of Al octahedra and P tetrahedra. However,
the topologies of the frameworks differ significantly
from each other and from the topology of the structure
of the new artificial phase described above. For exam-
ple, the wardite structure includes layers consisting of

DOKLADY PHYSICS Vol. 48
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Circles are Naatoms.

Fig. 2. Anion mixed-type framework consisting of Al and P
polyhedra in the Nay{ Al3(OH),[PO,4]3} structure (yz pro-
jection). Circles are cation “sodium” filling of the frame-
work.
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Fig. 3. Crystal structure of the (a) Nay{ Al3(OH),[POy4]3} synthetic phase and (b) K{ Al,F(H,0)4[PO,4],} minyulite mineral. The

view along the c axes of unit cells.

vertex-linked Al octahedra. These layersare united into
a framework by orthophosphate octahedra and hydro-
gen bonds. In the crystal structure of brazilianite,
chains composed of edge-linked Al octahedra are
united to a framework by orthophosphate tetrahedron
complexes. The voids in the microporous frameworks
arefilled with Na* cations.

The Nay{Al;(OH),[PO,];} auminum phosphate,
which we synthesized, is described by a new structure
type. However, the topology of the Al- and P-based
framework in the ab projection (up to the “absolute”
configuration) is close to that of Al- and P-layersin the
crystal structure of the pseudotetragonal minyulite min-
eral described by the formula

K{ALF(H,0),[PO,],} [15].

Pores of octagonal cross sections in layers parallel
to the {001} plane contain K+ cations, which are larger
than Na* cations. An “elementary link” of mixed-type
anion layers in the minyulite structure is an
{Al,F(H,0),[PO,],} quasi-cluster (Fig. 3b) consisting
of two Al octahedra and two P tetrahedra. In the c-axis
direction, the layers are connected by hydrogen bonds.
Similar  quasi-clusters ae present in the
Nay{ Al3(OH),[PO,]3} structure. However, one octahe-
dron isreplaced by an Al pentahedron in the formation
of these quasi-clusters. In the framework structure of
sodium aluminum phosphate, these clusters are con-
nected by common oxygen vertices with similar clus-
ters not only in the ab plane (as in the minyulite struc-
ture), but also in the direction of the third crystallo-

DOKLADY PHYSICS Vol.48 No.5 2003
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Fig. 3. (Contd.)

graphic axis. Since sodium aluminum phosphate was
synthesized under soft hydrothermal conditions and its
structure is topologically similar to the structure of
minyulite, the probability of the existence of a natural
mineral analogue of the new phase is quite high.
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1. INTRODUCTION

Magnetic fields play an important role in the forma-
tion and evolution of structures peculiar to space and
laboratory plasma. In the evolution process of these
structures, rapid dissociation of magnetic energy with
its transformation into that of accelerated particles and
of radiation, aswell asinto plasma energy, is observed.
Examples of these phenomena are solar bursts, sub-
storms in the Earth’'s magnetosphere, and disruptive
instabilities in tokamak plasmas, the main reason of
such instabilities being a physical process known as
reconnection of magnetic-field lines [1-4]. The mag-
netic reconnection occurs in the vicinity of critical
pointsin magnetic configurations. It isaccompanied by
achange in topology of the magnetic field and leads to
the formation of singular distributions of the electric
current in plasma (current sheets) and shock waves.

The problem of reconnection of magnetic-field lines
is closely related to that of the structural stability of
vector fields. It is well known that the magnetic-field
topology is described in terms of a phase space of the
corresponding dynamical system. Therefore, results
obtained in the theory of dynamical systems can be
used to analyze the structural stability of magnetic
fields. The general problem of the structural stability
was comprehensively discussed in [5]. It was con-
cluded there that a system is structurally stable if, for
small perturbations of an initia configuration, the
resulting system is equivalent to the original one. Oth-
erwise, the systemisstructurally unstable. In particular,
fields with degenerate critical points, i.e., with pointsin
the vicinity of which the eigenvalues of the linearized
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** Physical Faculty and National Institute of Matter
Physics, Pisa University, Italy
*** |nstitute of General Physics,
Russian Academy of Sciences, ul. Vavilova 38,
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problem vanish, correspond to structurally unstable
vector fields.

Recently, magnetic reconnection in structurally
unstable magnetic fields has attracted much attention
owing also to the fact that these fields exhibit important
features of magnetic configurations in tokamaks with
the inverse shear [6]. These are the configurations that
make it possible to attain a more efficient plasma con-
finement. Thus, the analysis of magnetic reconnection
in structurally unstable fields acquires a practical
importance in studies of both stability and transport
processes in thermonuclear plasma with magnetic con-
finement.

As was mentioned above, magnetic reconnection
changes the magnetic-field topology. It is natura to
assume that, as a result of this situation, structurally
unstable magnetic configurations transform into struc-
turally stable ones. However, the analysis of the struc-
tural stability in the case of the magnetic reconnection
turns out to be more complicated than in the case of the
structural stability of only one vector field depending
on a parameter. This is explained by the fact that the
magnetic reconnection in high-conductivity plasmais
determined by the nonlinear interaction of two vector
fields, namely, the magnetic field and the plasma vel oc-
ity field. The analytic description of such nonlinearly
evolving systems under conditions of multidimensional
geometry encounters essential difficulties. Therefore,
the adequate description of these processes requiresthe
application of numerical-simulation methods.

Until the present time, the theory of reconnection in
structurally unstable configurations was considered
only for one-dimensional and two-dimensional systems
[7-9]. The goal of the present paper is the study of the
magnetic reconnection in the process of a passage of
structurally unstable three-dimensional magnetic con-
figurationsinto structurally stable ones.

Our analysis is developed in the following manner.
In Section 2, analytic expressions describing the shape
of the magnetic field in the vicinities of degenerate
high-order critical points are given. In the next section,
the results of a numerical magnetohydrodynamic
(MHD) simulation are presented. In the concluding
section, the basic results of the analysis are formul ated.

1028-3358/03/4805-0216%$24.00 © 2003 MAIK “Nauka/ Interperiodica’
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2. MAGNETIC-FIELD STRUCTURE
IN THE VICINITY
OF A DEGENERATE CRITICAL POINT

In the vicinity of acritical point, in which the mag-
netic field vanishes, this field can be represented in the
form of the following power expansion:

Bi = B,]X]+%B,IKXJXk+ K (1)
_ 0°B, .
Here, Bij=‘E , Bk = 5=—— ,and K isa
ilx=0 ananX:O

residual term. If the magnetic field is potential, i.e., is
produced by sources situated far from the critical point,
then the field can be represented in the form of agradi-
ent of ascalar potential F(x, y, 2): B = gradF.

Locally, the topology of a magnetic field is deter-
mined by the first nonzero term on the right-hand side
of expression (1). We now suppose that the matrix Bj; is
not the zero matrix. For apotential field (curlB = 0), this
matrix can be represented in the diagonal form with the
zero trace:

B, = diag{a®, b® —(a® +b®)}.

In this expression, the superscript (2) describes the
order of a singular point. The scalar potential of the
magnetic field has the form

FOxy.2) = 5620¢-2) +b2(P-7). @)

The magnetic configuration is determined by the
parameters a®, b® and corresponds to the zero point.
The magnetic field related to this potential function has
acritical (singular) field line connecting the zero point
to the infinitely remote point. This field also has a sin-
gular (separatrix) plane passing through the zero point.
By virtue of the condition divB = 0, the sum of eigen-
values of the matrix B iszero, whereas|, = a®, |, = b,
and l; =—(a@® + b®). Asfollowsfrom expression (2), in
this case, the magnetic field may be represented as a
superposition of two two-dimensional magnetic fields

with the potentials % a®(xt-7%) and % b (y?> - 2. The

potential function describing the two-dimensional field
is the real-valued part of the complex potentia
W®@(h) =F —iA, which, inturn, hasthe form of the qua-
dratic function W (h) = %a(z)hz. For the first and sec-
ond terms in formula (2), the complex variables are in
thiscaseh=x+izand g =y + iz, respectively.

In the general case, the critical point of field (2) is

nondegenerate. To provide the degeneration of the crit-
ical point, one of the eigenvalues vanishes. Let b® =0,

then the potential functionis F® = %a@(x2 — 7). This
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is a magnetic field with the X-type zero field line
located in a plane parallel to the OY axis. The X-type
field lineisazero line of the magnetic field. Along this
line and on it, two separatrix surfaces and the magnetic
field intensity, respectively, vanish. While passing to
the structurally stable field, the zero point disappears
and a second separatrix plane arises.

For the zero matrix Bj;, the next term on the right-
hand side of expression (1) becomes the defining one,
the potential function

(3) (3
FOxy,2) = E20)7

(3) 3)
(c -;d )X3

3, (@
e’ +f
( : )ys

—y(e¥7Z + 19%%) 3)

—2(a¥% + by +

—x(cPy?*+d¥7) +

corresponding to this term. At the critical point x = 0,
al elements of the matrix B vanish, and the magnetic-
field configuration is then determined by the parame-
tersa®, b®, c®, d®, &3, and @, Inthis case, the mag-
netic field, in itself, is a superposition of two-dimen-
sional magnetic fields, each of them determining the
zero line of the third order. The characteristic shape for
one of the coordinate-dependent two-dimensional mag-
netic fieldsis given by the potential function F(x, y) =

3
c® % - xy%. As in the preceding case, the potential

function is equal to the real-valued component of the
complex potential W¥(z) = F — iA, which depends on
the complex variable z = x + iy in the following way:

(3)_3
W3 (2) =

c”z
equation F® = 0 for the following values of the param-
eters:

. We now consider asurface given by the

a®=1, b®=0, =0, d¥=1,

ed=-1, f@=0.

The magnetic field defined by thisequation is of cer-
tain interest, because it possesses only one critical field
line connecting the zero point to an infinitely remote
point. It also has two separatrix planes passing through
the zero point. It isworth noting that the magnetic field
acquires amore complicated form in the case of a spe-
cia relation between the parameters a®, @, on one
hand, and the residual term K of the power expansion,
on the other. In particular, a combination is possible in
which there are critical field lines and no separatrix sur-
face. Inthiscase, by the proper choice of parameter val-
ues and by alinear transformation of coordinates, rela-
tionship (3) can be reduced to the expression

FOX, Y, 2) = goxy.
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In the two-dimensional case, the peculiar shape of
the magnetic field in the vicinity of a critical point of
the third order is determined by the potential function

3
FOxy) = 195 -y o
The magnetic configuration contains three separatrices
intersecting each other at the zero point. Perturbations
of the magnetic field, which were caused by the excita-
tion of alow electric current by potential magnetic field
(2), as well as by the external homogeneous magnetic
field, result in either abifurcation of the degenerate sin-
gular point or its disappearance. A comprehensive anal-
ysis of the bifurcations in magnetic field (4) can be
found in the book by Postone and Stewart [10].

In the three-dimensional case, small perturbations
caused by electric current, as well as by terms of a
lower order, including a homogeneous magnetic field,
lead to a change in the magnetic-field topology. For
example, the superposition of ahomogeneousfield or a

(a)

08 I

o o o
[« TN \© TN SN
w

-0.2
-04
-0.6
-0.8
=,
—-1.0 -0.8 -04 0 0.4 08 X

Fig. 1. Magnetic-field linesat thetimes (@) t=0and (b) t=4
(two-dimensional case).
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guadrupole field and a field of form (3) leads to the
appearance of a structurally stable configuration pos-
sessing zero points of alower order. However, from the
standpoint of ideal magnetohydrodynamics, the trans-
formation of astructurally unstable configuration into a
structurally stable oneisimpossible, sincethistransfor-
mation must be accompanied by a change in the mag-
netic-field topology. In order to describe such a trans-
formation, it is necessary to allow for dissipative
effects.

3. MHD SIMULATION OF TRANSFORMATION
OF A STRUCTURALLY UNSTABLE MAGNETIC
CONFIGURATION
INTO A STRUCTURALLY STABLE ONE

The mixed problem for MHD equations, whose
solution describes a self-consistent evolution of both
plasma and the magnetic field in the vicinity of theini-
tial critical point, was solved numerically. It was
assumed that, at the initial time, a plasma with a uni-
form density and pressure isin the quiescent statein a
two-dimensional potential field of type (4) (in the first
variant of the calculations) or in a three-dimensional
potentia field of the type (3) (in the second variant of
the calculations). The set of MHD equations used and
boundary conditions were described in detail in[11, 12].
There, amagnetic reconnection in fields with other ini-
tial structures was simulated.

Restructuring the magnetic-field structurein the
vicinity of atwo-dimensional third-order zero point.
The results of the third calculation variant show the
evolution of initial two-dimensiona configuration (4)
under the action of azimuth-symmetric perturbations
that excited in plasma an electric current of a finite
intensity.

Figure 1lademonstratesthe distribution of magnetic-
field linesat theinitial moment of time. Hereinafter, the
time is measured in Alfven periods [11].

The magnetic field corresponding to this configura-
tion is conveniently represented in the complex form:
B = B, - iB,. In this case, the dependence of B on the
complex variable z= x + iy is of theform

B = C(Z-1%", (5)
wherel isthe dimensionless length of the current sheet.
Analytical and numerical study of the self-consistent
plasma evolution in magnetic field (5) shows that there
are three cuts (current sheets) with the length | in the
plane of the complex variable z. Each current sheet is

directed along one of the raysj = 0, :—2311, or %’n. The

magnetic field vanishes at the ends of the current sheets,
whereas at the center, z= 0, both the magnetic field and
the el ectric-current density vanish. Such behavior of the
magnetic field is intrinsic to the transient stage of the
development process. The duration of this stage is
shorter than one Alfven period.
DOKLADY PHYSICS Vol. 48
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In atime on the order of the Alfven period, a current
region of finite dimensionsisformed, which isbounded
by three magnetic-field separatrices. In the corners of
these region, three zero X-type magnetic-field lines are
situated, whereas, in its center, an O-type zero line is
formed [1]. In the corners of the current region, the cur-
rent sheets are located. They are similar to those that
appear in the vicinity of the X-type zero field line.
Plasma flows around the current region moving along
the magnetic separatrices at its boundaries (Fig. 1b). In
the neighborhood of the current sheets, shock waves
arise. These magnetic configurations can be compared
with the triangular magnetic “idands’ that were
observed in [13], where the double tearing mode in a
tokamak plasma with the inverse magnetic shear was
studied.

Restructuring the magnetic-field structurein the
vicinity of a three-dimensional zero point of the
third order. The boundary conditions for the set of
MHD equations correspond to the excitation of the
electric current directed along the OZ axis, similar to
the case analyzed in [12]. We have considered initial
three-dimensional magnetic fields of the form

B={xX-Z-2xzZ -V, Z-X +2z(y—x)}, (6)
B = {x2—22—2x(y+ z),yz—xz,zz—xz—ZZx}, @)

B = {X*=Z+2xy, X’ =y —2yz, 7 —y* =22 . (8)

As an example, we present the results of the numer-
ical study for the transformation of a structurally unsta-
ble configuration into a structurally stable one for mag-
netic field (8).

InFig. 2a, aninitial magnetic configuration that cor-
responds to this magnetic field is shown. As aresult of
exciting the electric current at the boundary of the cal-
culation region, the initiad magnetic configuration
transforms into a structurally stable one (Fig. 2b). We
can see that splitting of the third-order zero point into
two three-dimensional zero points of the second order
has occurred. In the figure, formation of the separatrix
surface separating these points is clearly seen. Local-
ization of the electric current in the vicinity of the zero
points does occur.

4. CONCLUSIONS

Thus, we have managed to show that the potential
magnetic field in the vicinity of a critical point of the
third order is determined by 6 parameters. Since a crit-
ical point of the third (and higher) order is degenerate,
the problem of the evolution of a structurally unstable
magnetic configuration into a structurally stable one
acquires aprincipal importance.

In the framework of the plasma model based on the
use of ideal magnetic hydrodynamics, the condition of
freezing-in the magnetic field into plasmais valid. By
virtue of this fact, the topology of the magnetic field
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Fig. 2. Magnetic-field lines at the times (a) t = 0 and
(b) t = 15 (three-dimensional case).

must be conserved and the transformation of a structur-
aly unstable magnetic configuration into structurally
stable one turns out to be impossible. Therefore, in
order to describe this transformation, it is necessary to
take into account dissipative effects and to use numeri-
cal methods for detailed simulation of magnetic-recon-
nection processes.

In this paper, we have presented the results of a
numerical MHD simulation for processes of the pas-
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sage from a structurally unstable magnetic configura-
tion into a structurally stable one in conditions of two-
dimensional and three-dimensional geometry. The
structuretransformation of theinitial structurally unsta-
ble magnetic field into a structuraly stable one is
accompanied by the reconnection of magnetic-field
lines in plasma with the formation of current sheets
near magnetic separatrices. This fact was discovered
previously when investigating the reconnection in
structurally stable systems. At the sametime, formation
of current regions with finite dimensions takes place,
which demonstrates novel features of the magnetic-
reconnection phenomenon.
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It isthought that the theory of film boiling in liquids
is well developed on the basis of an assumed anal ogy
with the film-condensation process [1, 2]. However,
experimental data corroborating the theoretical repre-
sentations are predominantly obtained for cryogenic or
easily boiling organic liquids such as carbon tetrachlo-
ride, methanol, ethanol, isopropanol, gasoline, etc. The
possibility of the existence of specia features of film
boiling in organic liquids was never discussed.

We studied film boiling in organic liquids on the
basis of the available data indicating that the heat
exchange in this regime was accompanied by pro-
nounced signs of chemical reactions. The purpose of
this study was to determine the degree of the effect of
chemical reactions proceeding in a film on the heat-
exchange processes.

Applying the heated-filament method, supple-
mented by various methods of chemical analysis, we
used a Pt wire 0.1 mm in diameter and 4 cm in length
as a heater. Current in the heater was constant (I =
const). The parameters were stabilized by a special fast
analog control unit. Current and voltage were measured
by 12-digit analog-to-digital converters (ADCs) con-
nected with a computer and were used to calculate the
working temperature of the heater and the released
power. The ADC sampling frequency was 5 kHz.

The film regime was studied in a hermetic quartz
reactor, which contained 15 ml of the liquid under
investigation and was equipped with a dephlegmator
and a reflux condenser. The liquid-bulk temperature,
product-condensation temperature, change in the vol-
ume of the liquid, and the release rate and volume of
permanent gaseous products were measured in the
experiments. The volume of gasreleased in boiling was
measured with an accuracy of 0.1 mm?. Theliquid-bulk
temperature was controlled by aliquid thermostat.

The products were analyzed by the following meth-
ods:. chromatography, nuclear magnetic resonance,
mass spectrometry, chromatographic mass spectrome-

Institute of Problems of Chemical Physics,
Russian Academy of Sciences, Chernogol ovka,
Moscow oblast, 142432 Russia

try, and analytical chemistry methods. The visual infor-
mation was recorded by a digital video camera with a
magnification of 10-25x.

As working liguids, we used carbon tetrachloride
and various acohols (C,—C;). The purity degree of
original liquids was monitored by chromatography and
IR spectroscopy.

Intense steady gas emission was observed in the
film-boiling regime for al liquids under investigation.
This emission in different substances became notice-
ablefor different heater temperatures. For example, the
indications of the decomposition of carbon tetrachlo-
ride appear already at 550-600°C, whereas the decom-
position of ethanol becomes noticeable only at temper-
atures above 900°C. Figure 1 shows the time depen-
dences of the volume of gasreleased for various heater
temperatures in methanol, and Fig. 2 displays the sum-
mary datafor gas emissionin four liquids.

Organic liquids have alow heat of vaporization, and
the transition to the film regime in them is not accom-
panied by catastrophic superhesting of the heater even
at low liquid temperatures. For this reason, they are
often used as moddl systemsto investigate mechanisms
of the underheated film regime. It is well known that
film thickness decreases with an increase in underheat-

Gas volume, ml
30
25
20
15
10

Time, min

Fig. 1. Time dependence of the emitted-gas volume for
methanol, T; = T, and heater temperatures (1) 910, (2) 950,
(3) 1000, (4) 1050, (5) 1065, (6) 1090, and (7) 1130°C.
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Fig. 2. Gas-emission rate vs. heater temperature in
(1) methanoal, (2) t-butanal, (3) isobutanol, and (4) ethanol
for T) = Ty
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Fig. 3. Gas-emission rate vs. heater temperature in metha-
nol for T; = (1) 20 and (2) 75°C.
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ing and, thus, temperature gradients inside the film
increase. Chemica transformations, which are
extremely sensitive to the temperature regime, cannot
be unchanged under these variations. Thisconclusionis
corroborated in Fig. 3, where the specific gas-emission
rate is shown for two temperatures of the liquid.

Our investigations of the kinetics and mechanisms
of chemical reactions proceeding in the vapor cavern
provide the following general conclusions.

The composition of gas released in the film regime
is determined by all basic parameters of the process,
such as the heater temperature, underheating degree,
purity of liquid, and heater material. For lower alco-
hols, where the bulk temperature is sustained near the
saturation temperature, the main products are hydro-
gen, methane, ethane, ethylene, and carbon oxide. As
underheating increases, the number of components
decreases. The primary components are now simple
substances—hydrogen and carbon oxide. For higher
alcohoals, the composition of the gas phaseis more com-

ZHUKOV et al.

plicated. The chemical analysis reveads significant
guantities of unsaturated compounds. More compli-
cated, often exotic substances are formed in addition to
typical pyrolysis products, which testifies to secondary
synthesis reactions, whose components are likely radi-
cals formed at the primary stages. The liquid-phase
composition also varies. This phase accumulates such
compounds as aldehydes (primarily, formaldehyde),
various alcohols, and ketones. In carbon tetrachloride,
the major fraction of the product remaining intheliquid
is represented by hexachlorethane.

Thus, the experiments corroborate that the chemical
composition of organic liquidsissubstantially modified
in film boiling, and the boiling is accompanied by gas
emission of the chemical nature. Undoubtedly, these
features significantly affect film-boiling mechanisms.

We observed film boiling within avery wideinterval
of underheating. Under these conditions, heater-tem-
perature fluctuationsincrease significantly in al liquids
being investigated, which is manifested with an
increase in underheating. This effect is pronounced in
carbon tetrachloride. Furthermore, in this system,
heater-temperature fluctuations are easily visible. As
underheating increases, spots darker than the remaining
surface appear periodically on the heater surface heated
up to atemperature of 700-1200°C. Their size depends
only dlightly on the underheating degree and heater
temperature.

Video recordings show that local temperature oscil-
lations are periodic and associated with the growth and
separation of a bubble from the heater surface.

For further investigations, we use the procedure pro-
posed in [3] for studying critical phenomena accompa-
nying boiling of ametastableliquid. The essence of this
procedureisin using a heater whose length is compara-
ble with the characteristic size of the process under
investigation. In this case, the system is concentrated
rather than distributed. Both the advantages and disad-
vantages of this procedure are evident. An advantage is
the insensitivity or low sensitivity of heat exchange on
such a heater to spatial inhomogeneities. For this rea-
son, we can investigate the regime in detail. A disad-
vantage of this procedureistheimpossibility of directly
measuring temperature by using ohmic resistance.

Figure 4 displays thermograms obtained for a
2-mm-long heater in carbon tetrachloride when | =
const. Being estimated from the luminous exitance, the
temperature in the glow maximum was equal to about
900-1000°C depending on experimental conditions. At
the same time, the heater remained dark at the mini-
mum-temperature point. This fact means that its tem-
perature was below 650°C. Thus, the amplitude of
observed oscillationsis equal to 350-450°C. For slight
underheating, the oscillation frequency increased with
decreasing liquid temperature but then became constant
for T, — T, = 3040°C.

The synchronization of the video recording of the
process occurring on an individual domain with ther-
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mograms |leads us to the conclusion that the oscillation
process involved severa repeating stages. At the first
stage, a bubble separates and leaves a thin (~10 pm)
vapor—gas layer symmetrically covering the heater sur-
face. Immediately after the bubble separation, the film
thickness increases, which is accompanied by an
increase in the heater temperature. The further growth
of the bubble leads to a significant transformation in its
shape. Its upper section extends upwardsrising over the
heater, while a base length decreases. The major tem-
perature drop is associated with the devel opment of this
process. Attaining a certain size, the bubble separates.
At the moment of separation, the heater temperature is
minimal. Further, the first stage begins again, and the
process is repeated.

We try to construct a qualitative model explaining
the mechanism of self-oscillations of the surface tem-
perature on the basis of the data obtained.

Let the heater be surrounded by a spherically sym-
metric vapor film at the initial time. We assume that
heat is transferred from the heater to the liquid phase
due to the thermal conductivity through the vapor layer
and is entirely spent on evaporating the liquid. As the
film thickness increases, the heater temperature
increases because the heat-removal conditions deterio-
rate. When a certain temperature is reached, a chemical
reaction accompanied by gas emission becomes notice-
able. This leads to an increase in the diameter of the
vapor film and, respectively, in the heater temperature,
which further increases the reaction rate. When the
bubble grows so that the contribution of the buoyancy
force becomes considerable, the film extends upwards.
In addition, its lower boundary further approaches the
heated surface, whereas its upper section recedes from
it. As follows from experimental data, the thickness of
the lower section of the film is equal to about 10 pm,
whereas the film dome is at a distance of about 2 mm
from the heated surface at this moment of time. Under
these conditions, al the vapor is exceptionally formed
in the lower section of the heater and istransferred into
the upper section of the film through a vapor gap,
whose size is of the same order of magnitude as the
minimum thickness of the vapor coat. The estimates
made in this simplest of models show that the amount
of liquid evaporated in the lower section of the film is
sufficient for the vapor velocity in the narrowest section
of the gap to exceed tens or even hundreds of meters per
second.

Forced convection with such a high velocity of
motion hasto abruptly increase the heat transfer coeffi-
cient and, thus, to decrease the heater temperature.
Passing to the upper section of the dome, most of the
vapor can be condensed on the cool interface surface.
However, the domain grows due to the accumul ation of
gaseous reaction products. When the bubble diameter
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Fig. 4. Thermograms of self-oscillation heat transfer in the
film-boiling regime in CCl, on a 2-mm-long individual

(elementary) domain for Te, =-10°C.

exceeds the separation diameter, the bubble separates
from the surface, leaving a thin vapor—gas layer on it,
and the processiis repeated.

Thus, our experiments confirm that the film-boiling
mechanism in organic liquidsis primarily determined by
chemical reactions proceeding in thefilm. The self-oscil -
lation regime of the film boiling has been discovered.
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Electrorheological fluids are extensively used in
industry and technology due to their unique ability to
considerably change their effective viscosity in an elec-
tric field. Typical electrorheological fluids have low per-
mittivity and contain agiven concentration of fine dielec-
tric particles (a dispersed phase) of high permittivity.

Extensive use of electrorheological fluids has stim-
ulated their theoretical and experimental investigation.
The rheological properties of electrorheological fluids
were recently studied by various methods in numerous
theoretical works. A phenomenological approach is
based on the Bingham equation and on its modifica-
tions such as the Cason equation [1] or the Shul’ man
equation [2], which involves fractional-powers terms.
A continuous approach was developed in [3]. Motion of
particlein an electrorheol ogical fluid in the presence of
both an electric field and velocity gradients has been
extensively simulated by numerical methods [4].

Most theoretical works are based on models of elec-
trorheological fluids. For example, models involving
filler-particle chains, which are directed along the el ec-
tric field when vel ocity gradients are absent, were used
in[5-7].

In this paper, the rheological properties of elec-
trorheological fluids are described in a three-dimen-
sional ordered many-particle model of a composite
(crystal model) [8] rather than in the model of one-
dimensional chains of particles.

Suspension of dielectric particles in a viscous fluid
is modeled by identical rigid particles, which are
located in sites of a given-symmetry lattice in the
absence of an electric field and velocity gradients. The
permittivities of the particles (g,) and fluid (g)) differ
from each other. The electrorheological fluid is situated
inauniform electric field E with componentsE, (i =1,
2, 3) in the laboratory coordinate system. The applied
field polarizes the particles, which begin to electrostat-
ically interact with each other. We use the approxima-
tion of pair interaction between particles considered as
equivalent dipoles. In addition to electrostatic forces,

Institute of Applied Mechanics,
Russian Academy of Sciences,
Leninskii pr. 32a, Moscow, 117334 Russia

viscous forces act on particles moving in the viscous
fluid due to velocity gradients. The figure shows a con-
figuration of an experimental setup, where the elec-
trorheological fluid is subjected to both an electric field
(the plates represent electrodes) and velocity gradient.
The left positive electrode is fixed, while the right one
moves fromitsinitial position with the given velocity U.
Thus, the experimental setup provides both electro-
static and viscous forces on each particle.

The origin of the Cartesian laboratory coordinate
systemwith theaxes X, (i =1, 2, 3) issituated in the pat-
tern center.

To derive the governing equation of motion, which
represents the balance of forces applied to achosen vol-
ume element of the model, we first derive an expression
for the electrostatic potential energy density of the
model.

We consider a pair of neighboring particles of the
model and place the origin of the local coordinate sys-
tem at the center of one of them. Particles are polarized
by an external eectric field, and the potential energy of
their interaction with each other as equivalent dipoles
has the form [9]

(1, P2) _3(r, P4)(r. Po).

W = 3 5
4TiEEr 4TIEE N

ey

Here, p; isthe dipole moment of theith particle, r isthe

Configuration of the setup for experiments with an elec-
trorheological fluid.
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vector directed from the center of the chosen particleto
the center of the closest neighboring particle, r is the
distance between the above-mentioned centers, g, =
8.85 x 102 F/m is the permittivity of vacuum, and
parentheses denote the scalar product.

The dipole moment of a polarized sphere is
expressed as [ 3]

. (€ —e|)a

P = 3% 1(e ¥ 28))

where a is the sphere diameter. It is assumed that all
particles of the dispersed phase are identical and the

dipole moments of equivalent dipoles are equal to each
other. Substituting Eq. (2) into Eq. (1), we obtain

W = A[ES 3(r, E)} )

E, 2

r r°
TiEE (€, —€) a°
16(g, + 2¢,)°
For small displacements of particles with respect to
each other (r =r%+ u, whereu < r® and r’ isthe initial

distance between the centers of the particles), the
potential energy of the dipolesis equal to

where A=

W = A[—(E _388EE)

3 6
—@(Ez—séaékE.Ek)énun—rmékEkElu.

3
- ‘F@(EZ - 5é| ékEI E)unU,

15 11
+ I'_OS(EZ - 7é ékEI Ek)enemunum

3

T
r

(E;u; — 10&,U,&EJ) Enun} @)

up to the second order, where summation over repeated
0

indicesisimplied and é = — istheunit vector. Corre-

n
0
r

spondence of this vector to the chosen pair of neighbor-
. . . oy
ing particles will be denoted as énD 0, where |

Us sU

and I' mark the unit | attice cells of the two neighboring
particles and s and s number the particles in the corre-
sponding cells. Particle displacements with respect to
each other will be denoted in a similar way. Summing
expression (4) over the closest neighbors of the chosen
particle throughout the unit cell and dividing the sum
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by the doubled cell volume V, we obtain the electro-
static energy density of the model in the form

0,00 110
CE 3é 'B&.0 DEE@
ZVZ[(B Ds ¢0*0s ¢0 1
O U | D i
—%EEZ—SéDI I'5e.o! IDElE@
r o Os sO Os sO
O O Od ol
«<égl 'oun! I'g
Os sO 0Os sO
O O O O
—%eﬁDl IDEkE,u|DI ID
r Os sO Os s
O O, 4y O
[E —ség! 'eda! "oEEQ
2r s s DS st [l
D| |-D D| |'D
x u,0 Ou,O O
Os s Os s
U U O, O [ |
s D2 74g! 'gen! 'oeeg
r o Os sO Os sO g
l|:|| |-D1 D| |-D D| |-D D| |-D
x e, 0e,d Ou, O Ou,,O O
Os sO 0Os sO Os sO Os sO
O 0O [ O O O i
—%SEE|U|DI "0-10é,0' "ou.g' o
O 0Os sO Os sOO Os sO
|-|] O D| |-D
x @& 0OE,[E,u,0 0l )
Os sO 0O Os sO

The first term (the first line) of the sum in the square
bracketsin Eq. (5) represents the interaction energy of
the chosen dipole with the closest neighboring dipoles.
It is equal to zero for an isotropic body and a crystal
with cubic symmetry [10], as well as for bcc, fcc, and
hexagonal lattices. Thisstatement isverified by directly
calculating the sums for these lattices with the expres-

sionsfor components of the unit vectors é, from[11, 12]
and is associated with the fact that the total field formed
by the closest neighboring particles vanishes on the
chosen dipole in these lattices.

Further, we consider the particular case correspond-
ing to the figure. The electrostatic field E is directed
along the X, axis so that its components are E; = E9;,,
where 6,, isthe Kronecker delta, which isequal to unity
and zerofori=21andi # 1, respectively. It is assumed
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that the displacement is uniform and its gradient %

k
(u; isthe component of the displacement of abody point
fromitsinitial position) is constant throughout the sam-
ple. According to thefigure, i = 2 and k = 1. Direct cal-
culations show that the term linear in displacements in
Eqg. (5) vanishesfor the above types of lattices. In addi-
tion, the last line of EQ. (5) aso vanishes, because the
displacement is perpendicular to the electric field (see
figure), and therefore (E,, u,) = 0. Finally, the electro-
static energy density of the model for this case is
expressed in the form

D [l |[| D '|:|

o=y S Eos&n! | semed’ o
VL 210 Os sO O Os sO

D D |D D ‘D D 'D
+Br_geg! Vogteg! Maen! ol
Q0 Os sOO O Os sO Os sO
(6)

where all terms are quadratic in the displacement of
particles, which is related to the displacement gradi-
ent as

Up = Uy & )

External forces causing the displacement gradient u,
in the body do the work per unit volume F, which is
opposite to the electrostatic field energy (6) [10].

In what follows, we omit indices numbering cells
and particles in them and denote the summation over
the closest neighbors as cn.

Substitution of Eq. (7) into Eq. (6) and certain trans-
formationsyield

3AE® »
= —xU21 1—5é1é1 élél
Vi 2 )

~5(1-76,6,)6,6,6,6,]. (8)

Since the displacement gradient is constant throughout
the sample, it is extracted from the sum.

The numerical simulation [4] showsthat particles of
the electrorheological fluid are aggregated in atetrago-
nal body-centered crystal lattice. Therefore, we choose
a bec lattice and describe the rheologica properties of
this model.

Direct calculations by Eq. (8) for abcc lattice yield

=

_ 71‘[5‘305‘3|(5‘3p—‘°f|)2<516E2 2

~ 36 7 o Y21 ©)
(ep+28)°Vr

Stressis calculated from Eg. (9) as

F

2.6
€0E(EL,—E)) A
OF _ 14m& (&, —€)) E2u2,1-

O =
21 36 (e, + 2€|)2VI’03

B aU2’1 (10)

ZGAEVSKII

Using thevolumeV = 4% of aunit cell [11, 12], we
3.3

6
obtain the relation a__ 16,/3

vi® P
fraction ¢ of filling is equal to the ratio of the particle
volume to the unit-cell volume of the bcc lattice. The
substitution of the last expression into Eq. (10) yields

O, = 3.43g.5,B9°E%u, 4, (11)

$2, where the volume

€p—&
€t 2¢

The viscous stress tensor for the bee lattice is given
by the formula |8, 12]

0y = 0.21mY( $)Nnu, ,,

where 3 =

(12)

where y(9) = %;":54/3 [1—%‘1’;5”3}_3 and B, is

the maximum filling. Expression (12) is derived in the

approximation of high filling, when ¢ is closeto ¢,,,,

[8,12]. If ¢ tendsto zero, Y(¢) also tendsto zero.
However, at ¢ =0, relation (12) must take the form

O, =NU, , characteristic for apurefluid. Thefunction

O = [0.211g( ) + 1N Uy s (13)

sati sfies these conditions.

The equation of motion of the system represents
the balance of external and internal elastic (11) and
viscous (13) forces applied to the unit body volume. It
has the form

3.43¢4g, B E 9 U, 4

+[0.21mY( ¢) + 1IN Uy = (). (14)

Here, f,,(t) isthetime-dependent external force per unit
area. It isdirected along the X, axisand isapplied to the
surface perpendicular to the X, axis. A solution of
Eqg. (14) isknown for an arbitrary given function f,,(t).
In particular, if load varies as a periodic function f =

0o
f 5, €t with the cyclic frequency w, we have [13]

f(2)1 1 i wt
gog 79 E*L HiwT

Therefore, the complex shear modulus is written in the
form

* = 3.43g.8,B°E*D° +iw[0.21TY( ¢) + 1], (16)

which shows that, for small displacement gradients
under the loading conditions described in the figure, the
electrorheol ogical fluid behaves as a viscoelastic body.

An important advantage of the approach under
development is that an expression for stress can be

U, ,(t) = 0.29 (15)
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obtained for arbitrary displacement gradients by using
both amicroscopic theory of crystals and the resultsfor
small displacement gradients (14). As a result, stress
can be determined as afunction of the velocity gradient
in an eectrorheological fluid. To obtain this depen-
dence, we use the Peierls approach presented in [11].
According to the crystal model (see figure), the elastic
part of stress (11) associated with the displacement of
crystal planes must be a periodic odd function of the
displacement S, = yX, along the X, axis, wherey isthe
displacement gradient. Expanding this function in a
Fourier seriesand retaining only thefirst term of thelat-
ter, we obtain

0,1(S) =a,s8n %T[%%,

where cisthelattice constant. For small displacements,
this expression must take the form of Eq. (11). Conse-

quently, a, = %‘;—3 €,€,B*E? and the maximum displace-

ment stress, which is an analogue of the yield stress of
acrystal, can be estimated as

343
Omax = E

Thus, the final expression has the form

f21 = 32._‘11'[3‘0'08'BZd}ZE2 + [0.211'[L|J( ¢) + 1]n Uz,l- (17)

£0e/B°0°E”.

For small velocity gradients, the second term can be
neglected and the stress is determined by the first term
of EqQ. (17). Inthis case, the stress is independent of the
velocity gradient, so that the corresponding part of the
stressvs. velocity gradient plot isastraight line parallel
to the abscissa axis. For large velocity gradients, the
first term can be neglected and the diagram corresponds
to the Newtonian flow. The dependence of the stress on
both the electric intensity and the velocity gradient that
is described by Eg. (17) agrees well with the experi-
mental data [14]. We note that, if pair interaction
between particles is taken into account up to the third
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order, a factor of 5.54 appears in Eqg. (17) instead
of 3.43.
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Thermophysical properties [thermal conductivity
A(p, T) and thermal diffusivity a(p, T), which depend on
pressure p and temperature T] are usually determined
for liquids in a stable state. Measurements are carried
out with small temperature perturbation dT(t) < T, [1].
Reference to the thermostat temperature T, and long
measurement time t,,, provide the upper limit of the
temperature rangein athermophysical experiment AT =
T4(p) - T,, where T(p) isthe temperature of the equilib-
rium coexistence of a liquid and vapor. The region
beyond the line of the absolute stability of the liquid is
poorly studied.

We am to experimentally study heat transfer in
short-lived liquids superheated with respect to the equi-
librium temperature T(p) and/or with respect to the
onset temperature T, of the thermal destruction of mol-
eculesin aquasi-static process. Theinvestigationisdis-
tinctive because the system lifetime T (T) islimited, and
the farther the system is from thermal stability, the
more stringent is this limit. The approach under devel-
opment is aimed at creating short-term quasi-isother-
mal conditions t (T = const) in a chemically reacting
system, te,, < t). Single- and multicomponent polymer
liquids were studied as typical thermally unstable sys-
tems (T, < T,, where T, is the effective critical temper-
ature of a substance). In pulsed processes with charac-
teristic times te,, ~ 10°-102 s, a polymer can be sub-
stantially superheated with respect to a temperature of
T4 with negligible thermal destruction [2].

To solve the problem, we devel oped methods for an
automatic choice of the heating function for a thermal
probe, determination of the phase stability boundary by
using the heat flux density into the substance q(t);, and
calculation of the effective coefficients of thermal con-
ductivity and thermal activity of locally superheated
liquids on the basis of pul sed-experiment data and cho-
sen model of the process. Experiments were carried out
in a virtually unstudied part of the phase diagram,

Institute of Thermal Physics, Ural Division,
Russian Academy of Sciences, ul. Pervomaiskaya 91,
Yekaterinburg, 620219 Russia

* e-mail: pavel-skripov@lyceum.usu.ru

including experiments where a system exhibits phase
and chemical instabilities asfactors perturbing the heat-
transfer process.

For definiteness, we analyze the liquid—vapor phase
diagram for a monomer (lines 1 and 2 with point 3 in
Fig. 1). The upper limit of the region of stable states of
the liquid in the p-T plot is determined by the binodal
T4p). Theregion that is located above the binodal and
below the attainable-superheating curve T*(p) is the
region of metastable (superheated) states of the liquid
[3]. The latter line can be observed in an experiment,
because the spontaneous boiling of the highly super-
heated liquid is almost at the threshold temperature.

As the length of the molecular chain increases
sequentially and achieves a certain critical value, the
critical temperature of the liquid and then the curve
T*(p) exceed a temperature of T, (lines 4 and 5 in

S~ :

RS> H
Nt e

‘,“: BN S

Fig. 1. Phase diagram of a monomer in p—T coordinates:
(1) T«(p) binodal, (2) attainable-superhesting curve T*(p),
(3) critical point, (4) line of the critical points in a mono-
mer—polymer system, (5) temperature Ty of the thermal
destruction of the liquid in a quasi-static process, and
(6) kinetic surface T*(p; teyp) Of the spontaneous boiling for
the products of the thermal destruction of the pulse-heated
polymer liquid.
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Fig. 1). In this case, the liquid—vapor phase transition
ceases to be pointlike and is expanded in temperature.
Since the characteristic time of spontaneous boiling is
much less than the temperature of thermal destruction
(tg, <€ ty a acomparable transformation degree [4]), the
coordinates in the attainable superheating curve corre-
spond to the initial stage of thermal destruction and
depend on the heating time (line 6 in Fig. 1). Since the
thermal destruction processisinvolved intherelaxation
of the pulse-superheated polymer, it is possible to
observe boiling in the melt of macromolecules. The
temperature range T*(te,,)—Ty Of the thermal instability
of polymers achieves 500 K [2, 4-6]. Numerical data
concerning the characteristics of heat transfer in this
temperature range are absent.

It is important to apply an appropriate method for
solving the problem under consideration. A search for a
method of controlling the probe temperature, aswell as
analysis of both the engineering capability of experi-
ments and the correspondence of their conditionsto the
mathematical description of the process, led usto anew
variant of the isothermal-heater method [ 7], the method
of the therma dstabilization of a pulse-superheated
probe. It is based on the selection of a combination of a
short heating pulse and thermal stabilizing pulse serv-
ing as ahighly sensitive transmitter of the heat-transfer
intensity in the experiment. The advantage of the
method is that the desired quantity—heat transfer from
the thermally stabilized probe to the medium—is in
balance with electric power supplied to the probe,
which is a quantity convenient for automatic adjust-
ment and detection [8] (Fig. 2).

The method enables one to rapidly increase the
probe temperature up to a chosen “plateau” tempera-
ture T, and to maintain this temperature T(t > t,) = T,
during the time interval necessary for measurement. A
wire probe 20 um in diameter achieves the thermal-sta-
bilization regimeint, = 100 ps, and a constant temper-
ature is maintained for te,, — t; ~ 1-10 ms. Thisregime
is convenient, because the characteristics of heat trans-
fer are involved at a definite temperature and the probe
temperature can be gradually increased from one exper-
iment to another up to the attainable-superheating tem-
perature of the substance. As an example, Fig. 2 shows
the heating function near the spontaneous-boiling tem-
perature T*(t — t) at te,, = 2.7 ms. The solid line is the
projection of the boundary of substance continuity
breaking t* = t(T,). Heat exchange between the probe
and two-phase medium is perturbed at t >t*. This
“unexpected” perturbation is detected by the fast feed-
back system and is compensated by the corresponding
change in the heating function, which maintains the
probe temperature near a given value of T,,.

Test experiments with standard substances (toluene,
hexadecane) showed that the input P(t) and output T(t)
functions are reproducible and consistent with each
other. The high resolution of the method is reveaed
when pressure istaken as a parameter, ensuring a small
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Fig. 2. Heat power that must be released in the probe for its
thermal stabilization in polymethyl siloxane PMS-350 as a
function of the heating time and temperature Ty, . The spon-

taneous-boiling region to the right from the t* = t (Tyy) line

is characterized by a time-localized increase in the thermal
resistance of the system.

shift in the characteristics of heat transfer in the sub-
stance.

At the next stage, it is necessary to separate contri-
butions associated in the generalized heat-transfer
function with thermal conductivity and thermal diffu-
sivity of the substance. These contributions are effec-
tive values, because local superheating is high and
observations are short-term. The correspondence
between the electric quantities measured in the experi-
ment and thermophysical properties of the substanceis
established in the model of unsteady heat exchange
between an instantaneously thermostated cylinder and
a substance with zero temperature [9]. Assuming that
the thermal contact is ideal, superheating AT does not
vary over the probe length, and coefficients A and a are
temperature independent, we write heat exchangeinthe
form

a0 =

00

_AMAT - _at du
- Ie 2 2 ’
er 4 u[Jo(ru) + Yo(ru)]

ey

wherer and | are the radius and length of the probe, 1(t)
isthe current through the wire probe thermometer with
aresistance of Ry = R(T), and J, and Y, are the Bessel
functions.

For convenience, we consider the regular stage of
the thermal regime [7]. The corresponding dimension-
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released in the probe for its thermal stabilization in polym-

ethyl siloxane PMS-350 vs. t /2, where t is the heating
time, for T, varying from 323 to 773 K with astep of 50 K.

less time range (Fourier number) is Fo = % =0.251.

r
qr

AT’
where q is given by Eq. (1), as a function of Fo ' is
approximated by the linear function

In this interval, the dimensionless heat flux

ar_ _ 12 _ 172
AT 0.392 + 0.594 Fo A+BFo )

to within an accuracy of 99%. Relation (2) indicates an
obvious method for separating the contributions associ-
ated with thermal conductivity and thermal activity b =
Aa ' of the substance. End corrections are taken into
account by measurements with probes of various
lengths. The fina relations for a pair of probes with
lengths |, and |, have the simple form

_1GC-C, _ C, -G,
M= SR T = 0406, N
_ 1 K=K, _ K=K,

B U I T )

where C and K are experiment constants.

The applicability of the model to the real process
was verified by the direct use of Eq. (1) in the iteration
procedure of the formation of a thermal stabilizing

SKRIPOV et al.

pulse[2] and by the generalization of experimental data
in coordinates corresponding to Eg. (2). It wasrevealed
that these data can be represented in the linear approx-
imation in wide ranges of temperature (323-923 K),
pressure (04 kbar) [10], and probe length (0.5-5 cm).
In particular, Fig. 3 showsthe results of data processing
for varioustemperatures T, . Changesin shift and slope
of isotherms indicate a decrease in heat transfer with
increasing temperature.

The total scheme of experiments with thermally
unstable objects includes various measurements. The
temperature T*(p) of the attainable superheating of a
substance was determined by the method of monotonic
pulsed heating with variation of the thermostat temper-
ature T, and rate of heating. The temperature of the
characteristic step in the smooth dependence T*(T,),
which isassociated with the appearance of thefirst low-
molecular productsin the system, was considered asthe
thermal-destruction temperature T, for the polymer.
The coordinates of the end point of the attainable super-
heating curve T*(p; t — 0) were taken as an approxi-
mation for the critical point, which was used to gener-
alize experimental data concerning heat transfer in the
dimensionless coordinates. Then, the method of the
iteration selection of the heating function is applied to
simulate the thermal stabilization regime [2] and to

estimate the boundary T,—t of the region where the
sample exhibits short-term thermal stability and pulsed
measurements of itsthermophysical properties are pos-
sible.

When measuring the coefficients A(T; t < t) and
b(T; t < t) for high-molecul ar-weight compounds, cur-
rent I(t) in the probe circuit was recorded for a constant
thermal resistance R; of the probe and given superheat-
ing AT =T, — T,. Using these datafor times t > 1 ms,
we determined the ratio of heat release in the probe to
its superheating (Fig. 3). The effective thermophysical
properties were calculated by Egs. (3) for known sizes
of the probe.

Figure 4 shows the thermal conductivity measured
for PMS-350 polymethyl siloxane (T4 = 570 K) and
Stirosil  polystyrene—polysiloxane copolymer (Ty =

490 K) in a wide temperature range 11 ~0.3-0.9. In

[9

the temperature range characteristic for quasi-static
changes, our results for PMS-350 agree with the data
on the molecular thermal conductivity [11], whichwere
obtained by a precise method, when a cell was thermo-
stated at the measurement temperature. The last points
in the plots, which deviate from the smooth continua
tion of A(T), are of interest for discussing the specific
behavior of heat transfer in the thermal-instability
region. These points include the contribution from the
thermal destruction and microphase separation of the
components of the chemically active system in the heat-
transfer process. This deviation increases, and the cor-
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Fig. 4. Thermal conductivity of (triangles) PMS-350 poly-
methyl siloxane and (circles) Stirosil polystyrene—polysi-
loxane copolymer vs. temperature for To = 295 K, tey, =
2.7ms, and p = 0.1 MPa. The straight line approximates
data obtained in [11] by the method of the equivaent
impedance for the identical PMS-350 sample. The solid

points correspond to the system lifetime t(Ty,) = 1 msmin-
imal in our experiments.

responding temperature decreases, when carbon diox-
ide, which imitates the final products of thermal
destruction, dissolves in given substances. After spon-
taneous boiling, the perturbation of heat transfer is
alternating, which is determined by pressure and by the
length of the thermal stabilization interval oq(t) =
oq(p; t* —ty). The entire set of objects under study (in
addition to those indicated above, these are polyethers
and motor and synthetic compressor oils) exhibit a
common tendency to decreasing A and b with increas-
ing temperature. This result was not a priori obvious.
Data obtained by various authors on the sign of A(T) for
melts of identical polymers are contradictory [12].

Thus, an approach to studying heat transfer in the
region of the thermal instability of a substance was
developed. It can be applied to compare the thermo-
physical properties of substances as functions of the
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superheating degree and to follow the transformation of
the high-temperature part of the phase diagram for a
chemically active system by using the characteristic
perturbation of its thermal resistance.
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Previously, we showed that the shape effect can sub-
stantially modify the composition and the distribution
of chemical componentsin gas[1] and liquid [2] mix-
tures. In this study, we considered those features of the
vessel-shape effect in liquid-phase systems that can
provide much higher degrees of separation in liquid
centrifuges than for gas mixtures.

From the condition of a constant mechanical—chem-
ical potentia in equilibrium [1], the distribution of the
component concentration over the rotor radiusis found
in the form

2 2
n, = H?L+RTInxi(r)—Miwr +ViP(r), (1)
2 2
L
Xi(r)= expg RT E’ 2)
0 H

where x;(r) isthe molar fraction of the ith component at
the radius r, p°" is the standard chemical potential of

the component in a liquid, V; is the molar volume of
the component, M; isthe molecular mass of the compo-
nent, and w is the angular velocity of the centrifuge
rotor,

P(r) = J’p(r)wzrdr

Th

is the hydrostatic pressure at the radius r, p(r) is the
local density of the liquid at the radiusr, and r,, is the
liquid-surface radius. For a binary mixture, it follows
from Egs. (1) and (2) that

W (re—r?)
2RT

X,(r) —
Xo(ro )

n2) i

Xl(ro)_ (Ml_bM2)1(3)
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Nizhni Novgorod, 603600 Russia

where

b = Mip, _ \_7_3
M,p,

= v
X (ry) is the ith-component concentration at the rotor
radiusr = r,. Relationship (3) describes the composi-
tion at an arbitrary point of the two-component system
in the form x, (r) = f(x (ry)).

We describe the two-component mixture in the
cylindrical rotor with a conic diaphragm dividing the

rotor in two insulated sections (see Fig. 1a). The gener-
atrices of the upper (u) and lower (d) sections have the

formhy(r)= rL randhy(r) = rL (ro—r), respectively. The
0 0
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@) I 5cm

|
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r

Fig. 1. Section of rotors; the colorless section is filled with
aliquid, the dark oneisthe rotor material.
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Fig. 2. Radia dependence of the pentane concentration and the hydrostatic pressure in the upper and lower sections of the rotor

shownin Fig. la

geometric sizes are indicated in Fig. 1. The volume
concentration of the mixture is identical in both sec-
tions:

T x (D)
n 'rj-\_/lxl, s(r) + \_/ZXZ, s(r)
V.o

J’hs(r)rdr

Ci,s =

% (D)h(n)r
JT5 % (k-1
Vo (hy(r)rdr

h

Xps(N+X(r) =1, C=C,=Cg
i=12, s=ud.

Equations (3) and (4) enable us to calculate x; (r) and
P4r) in both sections. We illustrate the result by the
example of aparticular system. The disconnected upper
and lower sections of therotor (Fig. 1a), whose angular
velocity is equal to w = 60000 rpm, are filled with an
equimolar pentane—methyl-iodide mixture, whose tem-
peratureisequal to T =300 K. Under equilibrium in the
centrifugal field, the C;H,, concentration and hydro-
static pressure in the upper section for an arbitrary
radiusr are higher and lower than the respective quan-
titiesinthelower section (Fig. 2). Thus, the properties of
the liquid-phase chemical system depend on the vessel
shape much stronger than those of gaseous systems [1].

Thisfeature of the behavior of liquidsin acentrifuge
makesit possible to search for nonstandard solutionsto
the fundamental problem of centrifugal technologies—
the most complete separation of mixture components.
We illustrate this by a particular example. The binary

dr “)

DOKLADY PHYSICS Vol.48 No.5 2003

mixture of equal volumes of CHl and CsH,, is placed
in arotor composed of two sections (Fig. 1b). The sec-
tions have the shapes of a cylinder and a ring, whose
principal axes coincide with the rotation axis. The
heights of the sections are chosen so that the volumes
of the cylinder and ring are equal to the volumes of the
light (CsH,,) and heavy (CH3l) components of the mix-
ture, respectively. The sections are connected with each
other by a dlot cavity, whose volume is negligible com-
pared to the cylinder and ring volumes. In the general
case, the heights of the sections are chosen so that their
volumes are equal to the volumes of thelight and heavy
components, respectively.

Using Eqg. (4), we calculate the volume fractions of
the componentsin every sectionfor T=300K and w =
60000 rpm (seetable).

This calculation shows that, in equilibrium, 98.92%
of the CsH,, contained in the system is located in the
cylinder section, whereas 98.97% of the CH;l isin the
ring section of the rotor.

The centrifugal field made it possible to almost
completely separate the componentsin the single-stage
process. The result can be optimized by varying the
rotation velocity, the radius and shape of the rotor sec-
tions, and other parameters. However, the successful
use of the vessel-shape effect is principaly based on
minimizing the volume section where the mixture has
an “unsatisfactory” composition.

The result obtained is purely thermodynamic.
Meanwhile, the diffusivities in liquids are lower than

Table
linder Slot Ring
(V=59.7ml) | (V=0.24ml) | (V=59.7ml)
CsHy», vol % 99.12 63.06 0.82
CHal, vol % 0.88 36.94 99.17
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those in gases by afactor of 10°. Therefore, the time of
establishing equilibrium by means of diffusion through
a narrow dot is very long. However, this time can be
reduced by using the shape effect. We consider the rotor
shown in Fig. 1c. The pressure drop between rotor sec-
tions of different shapes is caused by the difference in
theradial distribution of the components. If the sections
are connected by orifices at various levels as is shown
in Fig. 1c, the pressure difference leads to the circula
tion of the liquid in the system until the radial distribu-
tions in sections are equalized. This situation corre-
sponds to establishing equilibrium. It isevident that the
time of this establishment is reduced to the extent to
which the diffusion rate is lower than the viscous-flow

ABAKUMOYV, FEDOSEEV

velocity. We emphasize that the pressure difference
plays here the role of feedback in self-controlled sys-
tems.
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Aswas shown in [1], thefilm boiling of organic lig-
uids is accompanied by various chemical reactions
most of whose products are gaseous compounds. To
determine features of heat exchange due to chemical
reactions, we carried out experiments concerning the
film boiling of distilled water.

We applied a method close to that described previ-
ously for ashort wirein [1]. The film regime was initi-
ated at the saturation temperature, and power on an
external heater was then decreased so that a liquid was
cooled at arate of 0.01-0.5°C per minute. In this pro-
cess, with a step of 0.5°C, voltage on a sensor was
recorded and boiling regimes were videotaped. Plati-
num wires with diameters 50, 100, and 200 pm and
lengths from 0.8 to 40 mm were used as heaters.

In[1], the self-oscillating regime of heat transfer in
thefilm boiling of subcooled liquids was observed, and
it was supposed that asimilar regime must also bereal-
ized in water.

Figure 1 shows some time scans of voltage on a
short heater for various temperatures of the liquid. The
heater length was chosen so that only one domain
existed on the heater. For Ty, = T, even such a heater
ensures afilm boiling regime similar to the film regime
on along element. This regime (Fig. 1, T, = 98°C) is
easily identified by the presence of high-frequency
(~100 Hz) oscillations associ ated with the separation of
vapor bubbles from the upper part of a vapor cavity.
Since the separation frequency is high and the vapor
filmisthick, the time-average temperature of the sensor
does not noticeably vary.

As the liquid temperature decreases to 93°C,! the
separation frequency decreases to about 20 Hz. With
the further decrease in temperature, the self-oscillating

1 For agiven heater diameter, this temperature is reproduced in dif-
ferent experimental runs within an accuracy of about +0.5°C.

Ingtitute of Problems of Chemical Physics,
Russian Academy of Sciences, Chernogolovka,
Moscow oblast, 142432 Russia
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regime of heat transfer is almost instantaneously estab-
lished on the heater, where each bubble is formed from
one second to tens of minutes (Figs. 1-3). This behav-
ior indicates that the rearrangement of the heat-transfer
regime is critical in the temperature of the liquid,
because the transition from one regime to another
occurs in avery narrow temperature interval (<0.1°C).
In one oscillation period, the heater temperature varies
in the interval 650-1200°C, according to visual esti-
mates.

As the temperature of the liquid decreases, the
period of oscillations increases until the emission of
vapor from the film surface to the bulk of the liquid
ceases at a temperature of 80-81°C. Thus, the disap-
pearance of the self-oscillating regime of heat transfer
and the transition to steady film boiling occur smoothly
(Fig. 2). As temperature decreases further, a single
domain of the film regime occupies a symmetric posi-
tion with respect to the heater. The shape and size of the
bubble do not then vary until a minimum achieved lig-
uid temperature of 35°C.

If only one elementary (single) domain is realized
on the heater, the critical temperatures, as well as the
form of oscillations and their period, from which the
temperature of the liquid can be estimated with a high
accuracy, are completely reproduced in different exper-
imental runs. However, when the heater length exceeds
the size of the single domain of the film regime, the
behavior is more complex. Even when the temperature
of the liquid is below the saturation temperature by 2—
3°C, theformation of adynamic structure beginsonthe
heater. This structure consists of severa single
domains, one of which has sizes characteristic for this
regime, and the remaining domains are in a suppressed
state. The sizes of the latter domains only dlightly
exceed the heater diameter, and vapor is not emitted on
the surface. When vapor is separated from the vapor-
film surface, the structure is rearranged, and one of pre-
viously suppressed domains can become the dominat-
ing domain. The regular pattern of thermograms disap-
pears, and oscillations take a complicated form. The
coordinate of the point corresponding to the maximum
temperature moves periodically over the wire surface.

1028-3358/03/4805-0235%$24.00 © 2003 MAIK “Nauka/ Interperiodica’



236
Voltage, V

1.36
1.32
1.28
1.24 4
1.20F

ZHUKOV et al.

Tliq = 980C

1.36

1.32+

1.28 -

1.24F

1.20

T]iq = 9050C

1.36
1.321
1.28
1.24
1.20E

Tliq = 890C

1.36
1.32
1.28
1.241

1.20f

Tliq = 870C

10

20 30 40 50 60
Time, s

Fig. 1. Time scans of the voltage on the 1-mm-long sensor for the temperature of the liquid T = (from top to bottom) 98, 90.5, 89,

and 87°C.
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Thus, the heater exhibits indications characteristic for a
spatialy distributed system.

A steady symmetric vapor structure is formed on
longer heaters below 93°C. This structure consists of
one large elementary domain located at the center of the
heater and several suppressed domains located on both
sides of the central domain. Vapor is separated only in
the central part of the structure. As the temperature of
water decreases to 89°C, the film disappears through
the autowave process.

The observed phenomena are completely reproduc-
ible. When the temperature of the liquid increases to
T, the structure of the domain becomes homogeneous
again; i.e., al elementary domains have an identica
size.

To determine the properties of interaction between
elementary domains, experimentswere carried out with
heater lengths 1, 2, 4, 8, 12, 24, and 48 mm. The results
can be briefly formulated as follows.

(i) Heaters with different lengths behave identically
if the water temperature is maintained near the satura-
tion temperature.

(i) Asthe heater length increases, it ismore difficult
to separate the self-oscillating-instability region in an
average-integrated signal, the amplitude of oscillations
decreases, and they become more chaotic. A 24-mm-
long sensor can aready be considered as infinitely
long.

(i) As the temperature of the liquid decreases by
3-4°Cbelow T, theformation of astructure beginson
short heaters. This structure consists of several domi-
nating domains located at the center of the film-boiling
region and a system of suppressed domains located at
the edge of this region symmetrically with respect to
the central part.

The effect of the diameter and material of the heater
on the above properties was tested in experiments with
heaters of diameters 50 and 200 um. The phenomena
are reproduced on any wire heaters (Fig. 2). Experi-
ments with wires whose resistance isvirtually indepen-
dent of temperature corroborate that the observed
effects are not attributed to the thermal sensors used as
heaters. The phenomena observed on platinum samples
were aso reproduced on 0.1-mm sensors made of the
high-resistivity Kh27YuST (Chromal) alloy.

In our opinion, the formation of ordered structures
on small domains is attributed to the existence of mass
flows along the heat-releasing surface within the film.
These flows arise due to the dependence of pressure
within asingle domain on its size. Therefore, a system
of alimited number of domains, which are originally
identical and joined with each other through vapor
channels, is unstable. A random fluctuation in the sizes
of one domain is devel oped due to the positive pressure
feedback. Pressure in alarger domain is lower than in
surrounding domains, and vapor generated in neighbor-
ing domains flowsto thislarger domain. As the process
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Fig. 3. Bubble separation frequency v vs. thetemperature of
theliquid T;, for aheater diameter of (top) 50 and (bottom)

200 pm.

develops, pressure within donor domains increases,
while sizesand, therefore, the heater temperature under
them decrease. Therefore, the film structure on a smal
heater isrearranged, and atemperature-inhomogeneous
regime involving domains of various sizes is finally
established.

We suppose that structures similar to those observed
on short wires must also exist on long heaters. A film
part that adjoins the bubble regime and is in a colder
region must have characteristics different from those
for the central part of the film. Therefore, the formation
of a system of suppressed domains must begin at the
interface of the film regime. This gives rise to the fun-
damental rearrangement of the structure of this part of
the film. As a result, a region where temperature is
lower than temperature in the central region and is pri-
marily determined by hydrodynamic factors arises in
this part of the heater.

According to our observations, the processes
described above occur on long heaters as the tempera-
ture of water decreases to 93-94°C (Fig. 4). For
0.1-mm-diameter heaters at Ty, = Ty, the length of
“cold ends,” where temperature decreases from T, tO
Toun iSlessthan 0.5 mm. At the sametime, videotaping
shows that the length of the region from the end of
luminosity to the visible boundary of the film is equal
to about 6-8 mm for T, = 90°C. Film boiling in this
part of the heater is realized as a system of domains
decreasing in size. This structure is naturally much less
stable than the central part of the film.? It is the decom-
position of this structure that is responsible for the pre-
mature destruction of the film. Thisis corroborated by
our experiments with short sensors. A low-temperature
structure cannot be realized on a heater whose size is

2Thisis probably due to narrowing of avapor channel joining sup-
pressed domains, which weakens mass exchange.
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Fig. 4. Pictures of the film boiling structure on (left panel) a short wire (L = 2.5 mm) and (right panel) at the end of along wire.

commensurate with the elementary-domain size.
Therefore, the elementary domain remains stable for
any subcooling of the liquid.

A mechanism of origin of self-oscillating instability
in the boiling of chemically reacting liquids was
described in [1]. It is applicable with small refinements
for the case under consideration. It is assumed that the
heater temperature oscillates due to the change of the
conduction mechanism of heat transfer in afilm to the
convection mechanism. Convective flows arise when a
vapor film moves to the upper part of the heater under
the action of the buoyancy force, and the liquid evapo-
rates into a very thin vapor layer remaining at the bot-
tom. The produced vapor passes through the narrow
channel to the upper part of the vapor dome, where it
condensates. Estimates show that, due to the narrow-
ness of the vapor channel, the velocity of the flow can
achieve about 10 m/s, which significantly increases the
heat-transfer coefficient. In contrast to organic liquids,
where gaseous reaction products constitute a consider-

able part of the flow and oscillations exist over the
entire subcooling region, the self-oscillating regime in
water can be redized only in a narrow interval of
parameters, where the rates of evaporation and conden-
sation are approximately equal to each other.
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Theinstability of theinterface between two deform-
able media, in particular the instability of the free sur-
face of a deformable medium, has been studied for a
long time in numerous investigations.

The problem of the stability of various materia lay-
ers under the dynamic action of bulk and surface forces
isaspecific branch of thisfield of research. Thefollow-
ing cases can serve as examples: the behavior of a hor-
izontal layer of a magnetic fluid after switching on a
magnetic field opposite to the direction of gravity [1]
and the formation of periodic structures at the interface
between two high-velocity metallic plates undergoing
an oblique collision under explosive welding [2].

Theinstability of cylindrical shells expanding under
the action of intense pressure waves traveling inside
them and the formation of azimuthally periodic struc-
tures at the shell surfaces were observed in [3], where
the schematic view of a shell before its fracture and
expansion and corresponding photographs were pre-
sented. However, the authors did not analyze their find-
ings and estimated only the axisymmetric deformation
of the shell under highinternal pressure produced by an
explosion. The mechanical model accepted in [3] will
be discussed and used bel ow.

In experiments [4] with high-velocity lead plates
impinging normally on fixed plates (made of steel or
other metals), localized axisymmetric structures with
typical cone-shaped splashes of thetarget material were
observed. In the case of a 2-mm-thick lead plate with a
velocity of about 500 m/s, the transverse dimension A
of the axisymmetric structure was several times larger
than the thickness of the accelerated plate (6, 5, and
8 mm for steel, copper, and titanium plates, respec-
tively), while the height-to-diameter ratio for the
splashes was equal to about 0.5.

The papers mentioned above reveal ed the formation
of localized and periodic structures that significantly
change the initially unperturbed surface of a deform-
able medium. A needle-shaped structure (* hedgehog”)
at the outer surface of a thick water shell before its

Institute of Mechanics, Moscow State University,
Michurinskiz pr. 1, Moscow, 119192 Russia

decomposition into drops was observed by K.I. Kozo-
rezov (personal communication) under conditions sim-
ilar to those of the experiment reported in [3].

The well-known classical works on the stability of
the interface between two different fluidsin the gravity
field analyzed the problem in the linear approximation
(the Rayleigh—Taylor instability of afluid over alighter
one). The nonlinear evolution of perturbations was ana-
lyzed in later papers. It was shown that the concavities
of aninitial small sine perturbation at such an interface
are transformed into “fingers’ growing with accelera-
tion. At the same time, there are “bubbles’ emerging
upwards with a velocity tending to a constant value.!

Similar structures were also studied for an interface
perturbed in two directions when three-dimensional
periodic structures were formed.

In this paper, we consider the stability of aflat fluid
layer against long-wave perturbations (i.e., the pertur-
bation wavelength is much larger than the initial layer
thickness) for alayer moving under the action of acon-
stant pressure drop on its surfaces. The formation and
development of avery unusual periodic structure at the
layer surface were observed. Our analysis was per-
formed within the framework of the simplest “force-
less” model used previously in [3].

Thetheoretical results were used to carry out exper-
iments with copper plates accelerated by explosions
and to interpret the experimental results concerning the
interaction of the plates with metallic targets.

A new mechanism of cumulation of the energy and
momentum of a moving plate was found. This mecha-
nism is due to the dynamica instability of the plate
whenitsmaterial can betreated asaliquid medium. For
certain practical applications, this cumulation mecha-
nism can have significant advantages over the well-
known and widely used method of forming fast cumu-
lative jetsin oblique collisions of plates.

In connection with the problem under consideration,
we mention paper [5], where the stability of aflat layer
accelerated by a constant pressure drop on its surfaces
was considered within the framework of a linearized

1 SYa Gertsenshtein, V.M. Chernyavskii, and Yu.M. Shtemler, On
the Rayleigh-Taylor Instability, Preprint of Institute of Mechan-
ics, Moscow State University, no. 49-99 (Moscow, 1999).
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Fig. 1. Element of a deformed plate accelerated by an exp-
losion.

model of potential motion of a perfect incompressible
fluid. The authors found that the layer surfaces are
unstable to arbitrary harmonic perturbations, because
the perturbation amplitude increases exponentially
with time (the perturbations certainly remain har-
monic). In this case, the perturbation growth rate
increases with decreasing wavelength. Aswas shownin
that paper, the allowance for surface tension suppress-
ing the shortest wavelength perturbations makesit pos-
sibleto determine the wavel ength of the fastest growing
perturbation. The same result was obtained when the
elastic properties of the medium were approximately
taken into account.

We now derive the equations of motion of a layer.
Let us assume that the thickness of the layer is much
lessthan both the linear sizes of its surface and the char-
acteristic range of the perturbation under consideration.
This implies that the layer can be treated as a moving
material surface subjected to mass and surface forces.
We use the simplest model of the layer, where its
strength properties are ignored; i.e., we suppose that
each element of the moving layer is subjected to only
mass forces and forces applied to its surfaces, and
forcesin the cross-sections of the layer are neglected.

To complete the model, we assume that the collision
of the layer with an impermeable surface is completely
inelastic; i.e., the relative momentum component tan-
gential to the surface is conserved, while the normal
component is absorbed. In particular, two colliding lay-
ersform aunited layer with summed mass and momen-
tum. In this case, the total kinetic energy is certainly
transformed into the heat energy of the layer.

To simplify calculations, we consider only the two-
dimensional case.

L et us consider the forces acting upon an el ement ds
of the layer (Fig. 1).

ZONENKO, CHERNYI

In accordance with the problem formulated above,
wealow for only pressure forces, assuming pressurein
front of the layer to be constant. The excess pressure on
the back of the layer is denoted by p. In this case, the
equations of motion of the layer take the form

a°x o’y _

phdsﬁ = —pdy, phds = pdx. (1)

— =
Here, x and y are the Cartesian coordinates of a layer

point; t is the time; and p and h are the density and
thickness of the layer, respectively.

The condition of mass conservation yields the equa-
tion

phds = pyh,d§ = dm. 2)

Here, the subscript O stands for the initial values of the
corresponding quantities and § is the Lagrangian coor-
dinate of the layer point (i.e., the initial value of the
coordinate s). The quantities p, and h, can be functions
of &. The mass coordinate m can be used instead of &.

Since these equations will be used in the problem of
the acceleration of an initially flat homogeneous plate,
we take p, and h, as constants, with & being an initial
value of x. The plate size is denoted by L. To smplify
our calculations, we consider only the case of p = const.
We divide coordinates x, y, s, and € by L, thicknessh by

PohoL

h,, and timet by T . Inthiscase, Egs. (1) and (2)

take the dimensionless form without parameters:

Fx . 9y Yy _ ox

ot 08 g 0%

1_0s_ o, @y
h 2t~ |Doed T hel “)

After finding the dependences x = x(&, t) and y(&, t)
from Egs. (3), we determine the layer thickness h(¢, t)
from Eq. (4).

Equation (3) has the ssmple solution
t2
X = E1 y - E! (5)

3)

corresponding to an undeformed plate uniformly accel-
erated fromrestatt = 0.

Equations (3) and (4) are invariant under the trans-
formation to the reference frame fixed to the moving
undeformed plate. These equations are linear equations
with constant coefficients. Under the given boundary
[X(0, t) = 0, x(1, t) = 1] and initial [XE, 0) = X&),

VE 0= Y@ B = 5(&). & = y(#)] conditions,

the general solution of the problem of an accelerated
plate (material surface) can be found as an eigenfunc-
DOKLADY PHYSICS Vol. 48
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tion expansion. It is easy to verify that the eigenfunc-
tions of the problem have the form

x = & ™sn(nmg), y = e ™ cos(nmE),
x = ™ cos(nmtE), y = e ™sn(nmg), ©

n=12...

It is worth noting that Egs. (3) and the superposi-
tions of their solutions (6) describe arbitrary finite per-
turbations of the layer under consideration, in contrast
to solutions of the linearized problem of perturbed
motion of a finite-thickness layer [5], which are appli-
cable only for small perturbations.

In order to avoid the cumbersome calculations
required for considering the evolution of arbitrary ini-
tial perturbations, which must be expressed as seriesin
eigenfunctions (6), we consider only thefollowing sim-
ple solution satisfying the initial conditions given
above:

X = E+esin(2mE), y = %t2+scos(2n2), )

where € = g,exp./2mt. For t = 0 and € — 0, the per-
turbed plate has the evidently harmonic shape

y=¢€cos(2Tx), h=1-¢ - 2mcos(2TX) + O(€?).

We now traceits evolution. The plate profiley =y —

%tz =Y'(x, t) isshownin Fig. 2in variables x and ?Z_/ for
€ — 0 (cosinecurve), €=0.05,0.1, i,
21

1 (in what follows, the prime is omitted). At the time t

0.25, 0.5, and

i -1 1 oo ghge
corresponding to € = 5rp ACUPX= 3 % =5 onigi

nates on the curvey = y(X) so that the left and right sec-
tions of the deformed layer begin to approach each
other. In view of the mirror symmetry of the problem, it
is sufficient to consider only the left half with & O

1
[o, é} .

Let &* and t* denote the values of & and t corre-
sponding to the starting point of the collapse. After a
layer section collapses, the pressures on its sides
become identical. Therefore, under the above assump-
tion that an impact isinelastic, any point of this section
moves inertially along the x = L

2
y = y*(t) at the impact instant, and its velocity is equal

line from its position
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yle
1.0

0.5

-0.5

-1.0

Fig. 2. Plate profile and the finger formed for times corre-
sponding to (1) e — 0 and € = (2) 0.05, (3) 0.1, (4) %T
(5) 0.25, (6) 0.5, and (7) 1.

to the y component of its velocity at the impact instant.
Therefore, this motion is described by the equation

(t—t*)
f2f
or ) (®)
- 20
y = ¢* cos(2n€*)%[+ InED'

= y* 6y
= y* + 0Y
y=y 3t

Thus, beginning with the time corresponding to € =
%T, afinger beginsto grow at x = % behind the layer
front exponentially accelerated relative to the linearly
accelerated reference frame. The growing finger isfirst
in they < O region, because the initial velocities of the

13

middle section with & O [Z' ZJ are negative due to the

initial conditions. Beginning with € = %1 , the maximum

velocity of thefinger end directed backwardsisequal to

—i, and the finger extends into the y > 0 region,

2T
whilethe velacity of the leading end of the finger (at the
intersection point of the left and right sections of the
layer) increases exponentially with time.
Using Egs. (7), we determinethefollowing relations
between &*, y*, and t* (or £*):
2 = & rersin(ng),
)
y* = g*cos(2mé*) = %‘— E*%cot(ZnE*).
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Fig. 3. Mass and momentum of afinger vs. y* (timet*).

Fig. 4. Craters produced in a stedl target by fingers formed
on an accelerated plate.

These dependencies are presented in Fig. 3, which
shows how an initia € distribution linear in the x coor-
dinate of an unperturbed plate varies when the plate is
gradually transformed into the finger in the y direction.

At the same time, the mass of the § O E‘r ?J (y<0)

half of the plate is concentrated in the slowly moving
finger section (relative to the linearly accelerated coor-

dinate system). The other half, with & O [o, Lﬂ and& [0

[% 1} ,i.e., y>0,isgradualy concentrated in the fin-
ger section accelerated exponentially with time.

It is easy to evaluate the total momentum J of the
finger under the conditions described above:

ZONENKO, CHERNYT

12

%‘] = A/E[J'e(E*)cos(ZTTE*)dE*-

The momentum J as a function of y* is also shown
inFig. 3.

Ashas already been mentioned, the scale of the fast-
est growing perturbations cannot be determined in the
model presented above.

Analyzing our experiments with circular copper
plates accelerated by explosions, we found, in addition
to ordinary irregularities, barely visible circular dents
symmetrically distributed over acircle at the bottom of
ashallow crater formed on the steel target. By analogy
with the instability of liquid layers described above,
which results in the development of periodic finger-
shaped structures, we suppose that the same effect can
occur in the case under consideration; i.e., instability
can giveriseto the formation of periodic structures (fin-
gers). This consideration was the starting point of the
theory presented above.

The launcher that was used in our experiments was
a thin-walled cylinder with a height of ~9 cm and a
diameter of ~4.5 cm. The upper half of the cylinder was
filled with a~100-g explosive on a0.2-cm-thick copper
plate. According to the model described above, initial
perturbations for alaunching pressure of about 100 kbar
have increased by a factor of severa thousands before
the accelerated plate impinges upon the target under the
cylinder. This suggeststhat high-velocity finger-shaped
periodic structures can originate in our experiments.

In order to increase the perturbation growth ratein a
plate, we attempted to preset its initial deformation
such that it corresponded to a sufficiently developed
evolution stage. The result exceeded all our expecta-
tions. Indeed, the theory under consideration and,
therefore, the predicted shape of a moving layer are
approximate. Moreover, following the model accepted
above, we should reproduce the initial velocity profile
as well as the initial shape of the accelerated plate.
However, thisisimpossible in our experiments. Never-
theless, after a few trias, we found that presetting a
periodic perturbation with six periods (this number was
established experimentally) led to the result predicted
by thetheory; namely, six deep cratersoriginated on the
target (Fig. 4). In the case of four-period initial defor-
mation of the plate, the symmetry of the craters was
broken, so that two of them are each split into two cra-
ters. In order words, the development of finger-shaped
structures tends to form just six fingers.

Ordered structures were al so observed in our exper-
iments, where a copper cylindrical shell with small lon-
gitudinal bulges regularly distributed on its inner sur-
face was compressed by an explosion-induced detona-
tion wave traveling along the outside of the shell.

Between longitudinal hollows caused by the impact
of the shell bulges, circular dents uniformly distributed
over a cylindrical target, which was coaxialy placed

DOKLADY PHYSICS Vol. 48

No. 5 2003



NEW TYPE OF THE CUMULATION OF THE ENERGY AND MOMENTUM 243

within the shell, were distinctly observed. It is reason-
able to suppose that these dents are formed by suffi-
ciently large periodic perturbations.

The discovered development of small perturbations,
which is accompanied by energy—momentum cumula-
tion in finger-shaped structures, was used to design an
explosion unit for making deep grooves in a metal and
for perforating thick metallic plates. In this case, the
areas of craters or holes approach the cross area of a
launched plate or the whole launcher.

Comparative experiments indicated that the usual
axisymmetric combination of central and annular
cumulative jets requires a significantly greater amount
of explosive and a launcher with a larger diameter to
achieve the same results.

DOKLADY PHYSICS Vol.48 No.5 2003
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Solutions to problems of plasticity theory for piece-
wise-homogeneous materials are of significant interest
for the analysis and design of metal-forming processes
of composite materials. However, these solutions can
gualitatively differ from the corresponding solutions
for homogeneous materials. Therefore, defects arising
when composite materials are fabricated can signifi-
cantly differ from defects arising when homogeneous
materials are fabricated. Defects arising when compos-
ite materials are fabricated were reviewed in[1]. More-
over, when the plastic flow of piecewise-homogeneous
materialsis studied, it is necessary to take into account
the fact that the constitutive laws can be different for
different domains[2].

Classical problems of plasticity theory for piece-
wise-homogeneous materials are of interest for reveal-
ing the main features of solutions. Such solutions were
obtained in [3-5] for flow through infinite channelsand
compression between parallel plates. In particular, pla-
nar and axisymmetric flow of multilayer plastic materi-
alsin converging channels was considered in [3]. How-
ever, in this paper, based on the assumption that friction
islow, the solution was found in the vicinity of thetriv-
ial frictionless solution. As was shown in [4] for planar
flow, such an approach can provide qualitatively incor-
rect results for some boundary conditions. In this paper,
the results obtained in [4] are generalized to the case of
the axisymmetric flow of a bilayer plastic material
through an infinite conical channel. The solution is
based on the corresponding solution for the flow of a
homogeneous material through an infinite channel [6].
Note that flow through infinite converging conical
channels for other models of the material, including
rotating channels, was analyzed in [ 7-10]. The method
used in [3] was aso applied in [10].

* |ngtitute for Problemsin Mechanics,
Russian Academy of Sciences,
pr. Vernadskogo 101, Moscow, 119526 Russia
e-mail: salex@ipmnet.ru
** Department of Mathematics,
Rzeszow University of Technology, W. Pola 2,
Rzeszow, 35-959 Poland

The flow of a bilayer material through a conical
channel isillustrated in Fig. 1. It is assumed that each
materia is rigid/perfectly plastic and meets the von
Mises criterion. However, the yield stresses of the
materials are different. In the spherical coordinate sys-
tem p¢6 shown in Fig. 1, the channel surfaceis defined
by the equation ¢ = a. Friction on this surface is deter-
mined by the law

Opp = Myke, (M)

where 0, isthe shear stressin the spherica coordinate
system (0., Oy, @Nd G Will denote the respective nor-
mal stresses), k. is the shear yield stress of the outer
materia (k; will denote the shear yield stress of the
inner material), and m,, isthe friction factor lying in the
interval 0 <m, < 1. We assume that the bimaterial inter-
face is defined by the equation (Fig. 1)

b =y. )

The quantity y should be determined from the solution.
We assume that there is sliding at the bimaterial inter-

0

Fig. 1.
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face and that the friction law takes the form
Opq) = imbkmini (3)

wherek;, = min{k;, k.} and m, is the friction factor at
the bimateria interface, 0 < m, < 1. The upper sign
in (3) corresponds to the case where the velocity of the
inner materia is higher than the velocity of the outer
material at the bimaterial interface. On the axis of sym-
metry, ¢ = 0, the natural condition

Gy = 0 @)

is satisfied. Since the flow is assumed to be radial, al
the kinematic boundary conditions are automatically
satisfied.

In [6], the solution to the problem of the flow of a
homogeneous rigid/perfectly plastic material with the
shear yield stress k through a converging conical chan-
nel reduces to the solution of the first-order ordinary
differential equation

d—(; +Tcoth +2./3(L-1)"*

g = Co &)

o . :
wheret = -Tzi" and ¢, isan arbitrary constant. Once the

solution to Eq. (5) has been found, the normal stresses
and the radial velocity u are determined from the equa-
tions

1/2
Opp = Ogp = Opp—A/3K(1—T%)

= k(Ao—cOInp)—SkIrdcb, 6)

U = _Egexp[—zﬁfr(l—ﬁ)‘”zdm, )
p

where A, and B, are arbitrary constants, which remain
undetermined in the case of the flow through an infinite
channel.

For the flow of the bilayer material, the solution
given by Egs. (5)—7) isvalid in each layer, assuming
that k =k intheinner layer and k = k. in the outer layer.
In addition, the constants can have different values in
each material layer. We denotec, = ¢, Ay= A, and B, =
B, in theinner material and ¢, = ¢, Ay = A., and B, = B,
in the outer material. Because the contact stresses must
be continuous across the bimaterial interface, it follows
from (6) that

C. = SC; = scC, (8)

k. ) .
wheres= E‘ . It isalso convenient to introduce the new

variable Y such that T = sin2. Then, Eqg. (5) with the
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use of Eq. (8) takesthe form
2sing coszwg% + cosp sSin2y
+2./3sinpcos2y = csing 9)

ad<sp<yand

Zsinq)coszw% + cosd sSin2y
+2./3sinp cos2y = scsing (10)

at y< ¢ < a. The boundary conditions (1), (3), and (4)
in terms of the function Y have the form

= %arcsinrm, (11)
ae=aqa,
_ 1 eKei
Y = #3arcsing . (12)
ad=y+0,
1 : kmi
W= J_réarcsmgnbki ’E (13)
ap=y-0,

g=0

at ¢ =0. Thesignin Egs. (12) and (13) isdetermined in
the sameway asin Eqg. (3). In order to satisfy these four
conditions, there are two constants of integration of
Egs. (9) and (10), c and y. The existence and uniqueness
of the solution of this boundary-value problem depend
substantially on s, thesignin Egs. (12) and (13), and the
friction factorsm,, and m,. It is possibleto show that the
general structure of the solution is similar to the case of
planar flow [4]. This structure is illustrated in Figs. 2
and 3. Figure 2 shows the case where the vel ocity of the
inner material is higher than the velocity of the outer
material at the bimaterial interface. The solution is
unique in domain 3, two solutions exist in domain 2,
and there is no solution in domain 1. The solution is
unique at the boundary OA and does not exist at the
boundary ABC. It is possible to show that the point Ais

located below thelines= (1 + mﬁ)_llz. Figure 3 shows

the case where the velocity of the outer material is
higher than the velocity of the inner material at the
bimaterial interface. There are two solutions in
domain 2, and there is no solution in domain 1. The
solution is unique at the boundary AB. It is possible to

(14)
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show that the point A is located above thelines= (1 +

mf,)m. It is necessary to note that the structure of the
solution at m, = 0 corresponds neither to the structure

shown in Fig. 2 nor to the structure shown in Fig. 3.
Nevertheless, the properties of this solution can be
described by means of Fig. 3. The line AB keeps its
shape but intersectsthe axisat s= 1. A unigque solution
excluding the axis s exists above this line, and there is
no solution below the line. In addition, no solution
exists on the line AB and the s axis. The point A (m,, =
0, s= 1) is an exception corresponding to the solution
P=0a0< ¢ <a.Thespecial solution at m, = 0 shows
that small changesin m, near m, = 0 can lead to quali-
tative changes in the behavior of the solution. For this
reason, the analysis performed in [3, 10] can lead to
incorrect results.

The dependence of y on ¢ is of a certain practical
interest, because it can be used to approximately ana-
lyze some technological processes [11]. This depen-
dence, found from a numerical solution of Egs. (9) and
(10) with the boundary conditions (11)—(14) for the s
values [s = (1) 0.65, (2) 0.7, (3) 0.8, and (4) 0.9), is
shown in Fig. 4 for the case where the velocity of the
inner material is higher than the velocity of the outer
material at the bimaterial interface and the solution is
unique. It was assumed that m,, = m, = 1 under the con-
ditions (11) and (12).

The solution for the flow of ahomogeneous material
satisfying Tresca'syield condition was also obtained in
[6]. This solution reduces to Eqg. (5) with different
numerical coefficients. Therefore, its generalization to
the flow of a piecewise-homogeneous material can be
obtained in the same manner as in the case of the von
Mises condition.
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For exciting and damping self-oscillations and
forced oscillations, additive controlling actions are
most frequently used. However, parametric controlling
schemes are also sometimes used [1-6], because
schemeswith aparametric active action are more easily
realizable in some cases. At the same time, parametric
control often allows the realization of those useful
properties of closed systems that are more difficult to
realize with additive control. In particular, arelay para-
metric control of self-oscillations makes it possible to
obtain approximately optimal laws invariant with
respect to nonlinearity of the pure elastic or pure dissi-
pative type [7].

However, many periodic regimes are possible in
systemswith aparametric control, aswell asin periodic
regimes of systems without active controlling actions
and systems with an additive control. This means that
regimes different from the calculated optima regime
can exist in asynthesized system, which can giveriseto
a negative effect in some cases. In particular, when
solving the problem of active vibration damping,
regimes that differ from the cal culated regime and have
higher intensities than in the original uncontrolled sys-
tem can arise in the controlled system.

This paper presents amethod for constructing quasi-
optimal parametric controls for both autonomous sys-
tems and systems with an external periodic excitation
for stationary regimes of quasi-harmonic systems. The
desired controlling functions are bounded in either the
LP(0; 2m) space or the M(0; 2m) space. In the first
approximation of asymptotic methods [8], we obtain
linear isoperimetric conditions imposed on the desired
controlling actions. Optimizing functions are then
determined by the method of moments [9]. Further,
based on a generalization of the principle of construc-
tion of the extended (multiplicative stabilizing) control,
which was proposed in [10] for systems with the addi-

Blagonravov Institute of Mechanical Engineering,
Russian Academy of Sciences, M. Khariton’ evskii per. 4,
Moscow, 101830 Russia

tive control, we construct extended parametric controls,
which areartificial attractorswith arbitrary attraction to
the nominal (quasi-optimal) limit cycle. The resulting
controls are proven to ensure the unigueness and stabil-
ity of the nominal limit cycle.

1. CONSTRUCTION OF CONTROLS
FOR PERIODIC REGIMES
OF AUTONOMOUS SYSTEMS

We consider the periodically controlled quasi-har-
moni ¢ autonomous system

X+ wex = [ f(x, X) +ux], (1)

whereeisasmall parameter, uisthe desired controlling
action, and f(x, X) isagiven nonlinear characteristic.

Let the functional J(x, X) characterize the intensity
of stationary oscillations of system (1) and the intensity
of the control be restricted by the condition

2w 1

[I |u|pdt}pSUp, ()
0

where 1 < p < o, wisthe given frequency of self-oscil-
lations such that w? — oog isegual to about €, and U, is
the constant characterizing the limit control resource.

Inequality (2) for p — oo correspondsto the restriction
on the amplitude of the controlling action.

We have to find u*(x, X) providing a maximum (or

minimum) of the functional J(x, X) in a stationary
regime with afreguency of w. The problem of the max-
imization of the periodic-regime intensity corresponds
to the synthesis of the generation system for self-oscil-
lations, and the problem of minimization corresponds
to thereduction of thelevel of noise self-oscillations. In
the latter case, it is assumed that the nonlinear charac-
teristic f(x, X) corresponds to the characteristic of the
self-oscillating type.

1028-3358/03/4805-0247$24.00 © 2003 MAIK “Nauka/ Interperiodica’
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After the change of variables

X = Acosy, X = —wyAsiny, Y = wet+¢
and further averaging of the right-hand side of Eq. (1),
we obtain the following set of first-approximation
equations of the asymptotic method [8]:

A= Zn%[CD(A) —Au} 3)

[LIJ(A) 42 Auz] , @)

21

2T[0Q)A

where

2n

d(A) = —J‘ f (Acosy — w,Asing) singdy,

2n

P(A) = J’f(Acostp,—wOAsinw)coqudw,
0

2m 2n

u(A) = J’usinququ, u, = J’ucolepqu.
0 0

From Eq. (4), we obtain the frequency-squared
expression
w = coo———[ W(A) + Au} (5)
accurate to €2.
Since A =0, ¢ =0 for astationary regime, Egs. (3)

and (5) provide the following isoperimetric conditions
that are imposed on the desired function u:

2m 2n

IUSinZlIJdlIJ = Bu(A), IUCOSZLIJdlIJ = Ba(A), (6
0 0

where
B.(A) = Z2A)
gy = A=) —eVA)

After the change of variables, the functional J(x, x),
which must be optimized, transforms to a function of
thevariable A. In what follows, thisfunction isassumed
to increase monotonically. In particular, for the square
functional,

2w

[ (2 + i) dt = g(l + o 2w?) A2,

IZRAILOVICH

Therefore, the minimization and maximization of
the functional J are equivalent to the minimization and
maximization of the amplitude A.

We now consider the following auxiliary problem
(which is of interest itself). Let A be given. It is neces-
sary to find the function uy(Y) that satisfies Egs. (6)
(moment relations) and has the minimum norm

1 1

l,p D[lul ”dum ©)

W

uPdg
= D u G =
P DJ(: O

According to [9], the solution of this problem has the
form

Up(P) = Ilq|828ir12L|J +egcos2y|* ™" ©

x sgn(easin2y + eacos2y),

where é + % = 1and € and €5 are determined by

solving the extreme problem

1
T[

mm%ﬂslsnzw + SZCOSZqule] =1 9)

€5, € |

under the condition B,€, + B,&, = 1. Inthiscase, I ! is

equal to the minimum norm (7); i.e., =" = I(Up).
Transforming the |eft-hand side of Eq. (9) as

2m 1

min,/e2 + sg{ﬂsin(zw + l]J1)|qdl|Ji|q

€, &

(10)
= min sl + 82|\/|
€1, €
where

21 1 m 1
q

| | 0 e O
= | [lsn(@w+yo)l'dy | = Oflsdn2yi'dys
0 0 &

we determine the minimizing € and €5 values in the
form

o_ B o_ B
BI+B5 BI+B5

According to Egs. (10), (11), and (6), the minimum
control intensity is related to the regime parameters A

and was
JBE+ B = My(19) ™. (12)

The original problem of the maintenance of the maxi-
mum (or minimum) amplitude A* corresponds to the
limit intensity of the controlling action. Therefore,

(11)
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replacing I?) with U, on the right-hand side of Eq. (12)
in accordance with restriction (2), we arrive at the
equation

ngAM Uq
, } (13)
(E*®%(A) W(A)
ET + [(w - W )A g } D :

The optimal amplitude A* is determined as the max-
imum or minimum root of Eq. (13). From Eq. (8) with
allowance for Egs. (11)—(13), we obtain the corre-
sponding function u*

u* (@) = UJIBTsin2y + B3 cos2y|* ™
x sgn(PBr sin2y + B3 cos2y),

(14)

where
BT = Bu(A"), B3 = B,(AY).

Since x = A*cosy and X = —w,A*siny, the function
u*(X, X) isdetermined from Eq. (14) as

oa-1
x°U

+B§D< u%

« XX

« XX

u*(x, X) = Up|—-2p;

(15)

X(A*) -2(q- 1)$n|: 2[3 +BZD( i|

2. ANALY SIS OF REGIMES
OF CLOSED SELF-OSCILLATING SYSTEMS:
MULTIPLICATIVE STABILIZING CONTROL

For set (1) with parametric control (15), truncated
Egs. (3) and (4) have the form

A= [CD(A) ZAU (A)} (16)

21T(.Q,

0 = g | WA+ —Auz(A)} (17)

2 W
where

21

ur(A) = J’u*(Acosw,—woAsianJ)sinququ,
0

2n

us (A) = Iu*(Acoqu, —WySinPdy) cos2ydy,
0

and u* is given by Eq. (15).
We assume that the following two cases are possible

for set (1) with control (15).
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(i) There are n limit cycles; i.e., in accordance with
Eqg. (16), the equation

CD(A)—%AUI(A) =0 (18)

hasn—1 positiveroots A, i =1, 2, ..., n—1in addition

to the A* root corresponding to the nominal regime,

which can be either stable or unstable; i.e., the inequ-
ality

D(A) — ul(A) Aul(A) <0 (19)
for A = A* can be either satisfied or unsatisfied in view
of Eq. (16).

(i) Thereisthe unique limit cycle A*; i.e,, Eq. (18)
has one positive solution A*; however, the regime is
unstable; i.e., inequality (19) is unsatisfied for A = A*,

To remove the plurality of regimes and to stabilize
the regime A* (if it is unstable), the originally deter-
mined control (15) is replaced by the extended (multi-
plicative stabilizing) control

= X (A, A*)u*(x, X), (20)

1

|:| -2|:|2
where X(A, A%) = 1 + po(A, A¥), A= O + 247 isthe
GRS

amplitude determined in terms of phase coordinates,
o(A, A*¥) is a continuoudy differentiable function such
that

* A%\ — i * *
o(A*, A") = 0, OAO(A ,A*) £0,

and p is aconstant.

When u*(x, X) given by Eqg. (15) isreplaced by the
control u,, given by (20), Eg. (18) and inequality (19)
for A= A* take the form

O(A)-ZAX(A ANUI(A) =0, (1)

. * 1* * 1 *a * *\ % *
O(A )—§U1(A —EpA a—AO'(A , A¥)ut (AY)

1 (22)

—SATUT (A%) <0,

Theorem 1. There are functions (A, A*) belonging
to the class defined above and values of the parameter
p(— < p < o) such that Eq. (21) has the unique solu-
tion A= A* and inequality (22) is satisfied.

As an example, we consider set (1) with the nonlin-
earity

f = fosgnx+|X/x.

In this case, w = wy, restriction (2) is given in the
form |u| < U, and ®(A) = a, + a,A?, where a, = 4f, and
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a, = g oog . According to Eq. (15), the parametric con-

trol providing the maximum amplitude of self-oscilla-
tions has the form

u* (X, X) = —Usgnxx. (23)

The corresponding amplitude of self-oscillations has
the form

2al

EQal T a 24)
2,/ . -
for U > ——%Qil—l (excitation condition).
Equation (18) has two solutions: A, = A*, given by

nU muU? &

Eq. (24), and A, = [Etal aj Therefore,
the systeminvol vesthe nominal regime A* (24) and the
regime with lower amplitude A,. In this case, stability
condition (19) has the form 2a,A — iU < 0. Therefore,
the regimes A* and A, are unstable and stable, respec-
tively. For this reason, u* given by Eq. (23) isreplaced
by extended control (20) given in the form

Ups = [1 + p(A_A*)] u*.
In this case, Eq. (21) takes the form

a,+a, A" — A[1+ p(A—A*)]U = 0,

a
which degeneratesto alinear equation for p = ﬁé and

hasthe unique solution A= A*. Theregime A* isstable,
because

0
1 2% 15U <0

inview of inequality (22).

3. CONSTRUCTION
OF VIBRATION DAMPING CONTROLS
FOR FORCED PERIODIC REGIMES

We consider the quasi-harmonic system
X+ wpx = €[ f(x,X) + Bsinwt + ux], (25)

where Bsinwt is the externa perturbation, whose fre-
guency w differsfrom w, by avalue of about €. Accord-

IZRAILOVICH

ing to [8], thefirst-approximation equationsfor A and ¢
have the form

SQ —z—Uu

. _ [P(A) B
A= s[ 221w *

1A }
2w W+ wy

(26)

_ _ €
b = oy 2TIOA

+—£B S'nq)_liu
(w+ w)A 221w =

Stationary-regime equations determined from Eq. (26)
for A =0, ¢ =0 havetheform

X(A, ¢) = eP(A) —emBcosd —sé

2ul =0,

(27)

Y(A ¢) = Lpl(A)+8T[BSin¢—e§u2 =0,

where W,(A) = (W) — WP)A — eW(A).

Equations (27) provide the following moment rela-
tions imposed on the desired function u:

21
[usin2pdy = vi(A 0),
° (28)

21

J’ucosququ = Vo(A ),
0

where
Vi(A 0) = Z[®(A) -TBcosd]

[ Wi(A)

Va(A ¢) = +nBsn¢}

We have to find u*()) and phase ¢ * that satisfy condi-
tions (28) and provide the minimum amplitude A*
under restriction (2). To solve this problem, the follow-
ing auxiliary problem is first considered. The function
that satisfies moment relations (28) and has minimum
norm |, (7) must be found for given A and ¢ values.
This problem is solved similarly to the problem
described above for autonomous systems. As a resullt,

. . . 0
by analogy with Eq. (12), theequationrelating | , tothe

regime parameters A and ¢ isfound in the form

WM 1A 0)]° = [Y2(A ) +V2(A §)]°. (29)

DOKLADY PHYSICS Vol.48 No.5 2003
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Further, we determine the phase $°(A) providing the

. . . 0 .
minimum intensity |, (A, ¢) (29). Since

Yi(A §) +Y3(A §)
= %[|D(A)|2—2|D(A)|T[Bcos(¢ +¢,) + 1B,

ID(A)| = {cv (A) + (A)}

W, (A)
g|D(A)’

oA o
Dy S

cosd, =

we have

D(A) _ W, (A)
ID(A)’ e[D(A)
Substituting ¢ = $°(A) given by Eq. (30) into Eq. (29)

and replacing 1} with thelimit control intensity U,, we
arrive at the following equation for the amplitude:

cosp®(A) = sind°(A) =

(30)

/ _2
w'"M U} = Z\ID(A)I —TB. (31)
The minimum amplitude A* is determined as the least
positive root of Eq. (31). In view of Egs. (30), parame-
ters y,[A, $°(A)] and y,[A, $°(A)] for A = A* are given
by the formulas

yr = 2¢(A*)[1_ B ]

N DAY’
* 2LIJ1(A*)|: _ B i|
2 eA* ID(A%)|J’

According to Eqg. (15), the replacement of B; and

B> by y; andy; leadsustothefunction of parametric
vibration damping with feedback

)
U (x, %) = U [ 2yfx—x+y2§<z—;(—)g}

.2
*51( 2_2(_D
2y1 "‘\/2%< wﬂ}

providing the minimum amplitude A*.

(32)
X A* _2(q - 1)

-

4. ANALY SIS OF REGIMES OF SYSTEMS
WITH A VIBRATION-DAMPING ACTION:
MULTIPLICATIVE-STABILIZING CONTROL

Regimes different from the minimum-amplitude
regime can also exist in system (25) with parametric
vibration-damping control (32). Stationary regimes are
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analyzed by analyzing the set of equations (27), where
u, and u, must be replaced by

2n

ur(A) = Iu*(ACOSLU,—wASinl]J)SiHZlIJdLIJ
0

and
21

us(A) = J’u*(Acoqu,—wAsinw)sinququ,

respectively. According to Eg. (32), u*(x, X) in these
formulasis determined by the equations

X(A, §) = am(A)—anBcosq)—sgu;(A) -0,
(33)

Y(A ¢) = LlJl(A)—enBsindJ—sgu’z‘(A) - 0.

Excluding the phase ¢ from Egs. (33), we arrive at the
following equation for amplitudes:

—Aut(A)T
[ 1§A) A*(A)] 2B,

Stability conditions for forced-oscillation regimes
have the form [§]

AXA + Y¢ <0, XAY¢ - Xq,YA >0,

EQ

(34)

(35)

where Xa, Xy, Ya, Yy are the derivatives calculated
from Egs. (33) for arguments A and ¢ corresponding to
the regime under consideration. The substitution of
thus calculated derivatives transforms conditions (35)
to theform

AD(A) - A—zul ¢ (A) -5z (A) + o(A) - Sui (A) <0,
(36)
[¢<A)——u1(A)}
[m(A) Zut (A) - ul(A)}
+[Wim) - 5Aus ()|
<[ b -Sur () -z (] >o.

Similar to the case of autonomous systems, it is
assumed that either Eq. (34) hasn— 1 positive solutions
in addition to the solution A* or the solution A* is
unique. However, inequalities (36) are not satisfied for
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A = A*, For this reason, the originally determined
guasi-optimal control u*(x, x) given by Eqg. (32) is
replaced by the extended control

Uns = X(A, A¥)u* (X, X), 37)

where u*(x, X) is control (32) and the structure of
X(A, A*) is the same as that for autonomous systems.
With u,, (37), EQ. (34) takesthe form

[oa)-Sx(a Aur ()]

e

LX(A, A*)u z(A)] 7B,

Stability conditions (36) for A = A* transform to

NG

A*(D(A*)—— urA— I (A%, A*)ut (A*)

paA

A* A*

— S UL (AT) + O(A") - uy(A") <0, (39)

SZ[CD(A*) —gu’{(A* )}
[ o) -Jur (4 - S ur ()
A*

a * * * *
~ 5 P3R0(A", AUl (A)

+[ i) - Sui (A

eA*

x [ClJl(A* —gu’{(A*) U5 (A*%)

SA* a * * *
~E5- 2o (A", AT )uy(A )}>o.

IZRAILOVICH

Theorem 2. There are functions (A, A*) belonging
to the class defined above and values of the parameter
p(—o < p < o) such that Eg. (38) has the unique solu-
tion A = A* and inequality (39) is satisfied.
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1. According to observation data and measurements
made by the International Earth Rotation Servicein the
last 15-20 years, motion of the Earth’s pole involves a
principal component (free nutation and Chandlers wob-
ble) with an amplitude of 0.20"-0.25" and a period of
433 + 2 sidereal days [1], aregular annual component
(365 sidereal days) with an amplitude of about 0.07"-
0.08", and a comparatively slow irregular drift (trend)
of the axis of the Earth’s figure. The annual wobbles of
the Earth’s axis are caused by the moment of gravita-
tional forces of the Sun, the Earth’s revolution around
the Sun, and the diurnal tides of the mantle [2, 3]. The
causes and mechanism of exciting the annual wobbles
are usually attributed to seasonal geophysical phenom-
enal4, 5].

Measurements of motion of the Earth’s pole were
statistically analyzed in many works (see, e.g., [6]).
Analytical stochastic spectraly correlation models of
motion of the Earth’s pole were developed in [7-9] on
the basis of celestial mechanics.

In this paper continuing studies [7—9], we consider
one-dimensional distributions of fluctuationsin motion
of the deformable Earth.

2. We now introduce the following notation and
assumptions.

(i) The projections of the instantaneous angular
velocity of the Earth’'s rotation on the Earth’'s axes are
denoted by Y = [Y,Y,Y;]", where Y, = p, Y, = ¢, and
Y3 = I’t.

(i) We assume that the axial and centrifugal
moments of inertiaof the deformable Earth, A=J,,,, B =
Jigr €= s Iog = I Jor = Jrgp Jrp = Jpr» iN the diurnal

time interval Ty= 21ry', rp= 36500 can be repre-

* Moscow Sate Aviation Institute
(University of Aerospace Technology),
Vol okolamskoe sh. 4, Moscow, 125080 Russia
** |nstitute for Problems of Informatics,
Russian Academy of Sciences, ul. Vavilova 30/6,
Moscow, 117900 Russia

sented in the form

Jij = J;}j + ‘]ilj,lsinr*t + -Ji'jIYlCOSI'*t
+Jj; 2SIN2r, t+ J;j ,C0S2r . t,

where higher harmonics areignored and i, j=p, g, r.

(iif) We introduce the term “effective diurna tidal
humps’ for the following dimensionless combinations
of the axial moments of inertia:

u, = QC-B)A*cosdp] u,= QC—A)B*'sin¢]
u; = B-A)C*'sin2¢]
Here, [I..0Omeans the averaging over the diurna time
interval To= 21ty (¢ = (i), Uy ~ Uy, and uy < U, .
(iv) The dimensionless combinations of the centrif-
ugal moments of inertia,
u, = O, A0 us = [, C**sing]

Ug = [0, A" tcos2¢0] u, = [, B* " sin2¢0]

ug = 0, B0 ug = 7, C**cosp]
Uy = 00, B*Fcos2¢0 uy, = [0, A sin2¢0]
Up = 0,,C* 'O Uy = [0, A 'singd

Uy, = [D,,B**cos¢l] and uys = [0,,C**cos2¢0]

will be referred to as effective tidal protrusions aver-
aged over the diurnal time interval Tp= 2nr;1, where
Ug 7~Us, Ug 13 <Uy g, andUp g5 <Ug .

(v) We dlow for only the moments of gravitational
forces of the Sun with respect to the Earth’s axes [3]. It
is important to note that the moment of gravitational
forces of the Moon is larger than that of the Sun by a
factor of 2-3. However, since the natural frequency dif-
ferssignificantly from the forcing frequency, the ampli-
tude of monthly oscillations induced by the Moon is
one twentieth to one fifteenth that of annual oscilla-
tions. Therefore, monthly oscillations of the Earth's
pole are not manifested in observations.

1028-3358/03/4805-0253%24.00 © 2003 MAIK “Nauka/ Interperiodica’
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(vi) Wedlow for the external linear fluctuation—dis-
sipation moments of forces: M{" =V, —D,p,, My =

Vy— Dy, and MY = Vi — Dsry, where Vi, Vyy, and Vi,
are the specific moments of external random forces and
D, , ; are the specific coefficients of the moments of
dissipative forces.

(vii) Atlast, P = P(t, pi, G, I, U, V), 2= (L, py, G,
r, u, V), and R = R, p, o, Iy, U, V) denote the spe-
cific moments of external perturbing forces, which
depend on time, state vector, constant parameters u =

[UU,...u, 17, and fluctuation parameters V =
[V1VaVst... Vi 1T, where ny, n, > 3 are the dimensions
of the vectors.

3. Under assumptions (i)—(Vvii), the equations of the
Earth’s motion have the form

P+ Neq = P+ PV, P, = Po: (1
O = Nupp = 21 +2,V, Ui, = Yos )
o= R+ RV, 1 =1, 3)

Here,

3 U002 (1= 302coSw, )

P, = 3u,bw? cosw, t — >

—gu6w§ (1-bZcos’w, t) — gunuﬁ (1—b?cos’w, )
+ gul3mibcosoo*t—u4rt2—Dlpt, )
9)2 = V1t+97)2(t1 Pt qtvrtvu)v (5)

§u7oﬁ (1 —b?cos wy t)

9, = —3u,bw? cosw, t + 5

+ guawi(l—3bfcoszw* )
3 2 2 2
- éulow* (1—bicos w,t)
—3u,,bws COSWy t + Ug> — D0, (6)
9)/ZV = V2t + §'2(t! ptv qt’ rt! U)V, (7)

§u3uﬁ (1—b%cos oy t)

97{1=2

- gug,buﬁ COSW t + 3Ughtd; COSW, t
2 2 2
+ 3u;5W5% (1—bjcos w, t) — Dygr,, ®)

9RZV = VSt + 97{Z(tv P G e U)V (9)

MARKOV, SINITSYN

InEgs. (1)<9), No= (C* - B*)A*'wyj andband b,

are dimensionless parameters such that 0.4 < b < gn—l

and b, =b[3]. Thequantitiesu, ;andu, ,saredefined
in (iii) and (iv). Terms involving the squares and prod-
uctsof u, p;, g, and r;—r; aswell asthe averaged (over
the time interval T rates of variation of the axial and

centrifugal moments of inertia, are omitted in the func-
tions?,, 9, and R, . The specific moments of external
random and dissipative forces are denoted by %,, 9,,
and %R,; they are nonlinear in u, p;, g, and r, and
depend on the parameters V. When the fluctuation
parametersV represent broadband Gauss—-Markov pro-
cesses similar to white noise, Egs. (1)—(3) should be
treated as nonlinear stochastic differential equationsin
the sense of B-differentials [10, 11] (e.g., in the Stra-
tonovich sense). For self-correlated Gaussian noise,
Egs. (1)—(3) should be completed by the eguations for
linear shaping filters[10, 11].

4. According to [10, 11], if the parameters V are
Gaussian random variables with zero expectation and
intensity matrix v(t) = [v, ()] (I, h =1, 2, ..., ny),
Egs. (1)—3) reducesto the Ito form

Y = a(Y,t) +b(Y, )V, Y(t,) = Y,. (10)

Here,
a=a(Y,t) = [a,3a]"
o 1- DiDT T T
= a+2[ﬂ3nD b(Y, t)v(t)b(n, t) } LA

n=y

a=a(Y,t) = [4,2,8y], a; = -N,g+%Py,

az = N* pt+9/l! a3 = %11 (12)

b = b(Y,t) = diag[P, 0y, RJ]. (13)

Asfollows from Eg. (10), the Fokker—Planck—Kol-
mogorov equations for the nonstationary one-dimen-

sional density f, = f,(y; t) and stationary density f; =
7 (y) have the form

of, 09"
= (afl) by D] T

09"

(af )+ tr[————(o*f )} (15)

DOKLADY PHYSICS Vol.48 No.5 2003
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where

o = o(y,t) = b(y, )v(D)b(y, 1)’
o* = b*(y)v*b*(y)" (deto, deto* #0).

Equations (14) and (15) are the basis for stochastic
kinetic models of the Earth’s motion under Gaussian
nonlinear random—dissi pative perturbations.

5. If both the dissipative matrix D = diag[D,, D,, D5]
and the inertia tensor J = diag[A, B, C] are constant
and the moments of gravitational forces have the force
function

(16)

WU = 3w;[A(1-3Y)

+B(1-3y%) +C(1-3y"?)], (17
Eqg. (15) has an exact solution. In accordance with [12],
we arrive at the following statement.

Statement. If the dissipative matrix % can be repre-
sented as 9 = Ag*, where A is a certain real number,
and the form Q = y"Ay, where A = AJ is positive defi-
nite, then stationary (in the narrow sense) fluctuations
of the vector y exist and their one-dimensional density

fy isdetermined by the formula

ECAAAD!
= cexp{-{Q(y) —2AU(y, Y, Y"1} ;

where cisthe normalization constant. Distribution (18)
is unique and limiting for an arbitrary initial distribu-
tion, and the fluctuations are statistically reversible in
the Yaglom sense [12, 13].

6. Using the method of orthogonal expansions of a
one-dimensional distribution [10, 11], we rewrite
kinetic model (14) in the form

(18)

fa(y; t) = wi(y, m[Kt)[l+ > > Cmpu(y)}- (19)

=3[y =1

Here, W} (y, m,K,) isthe standard distribution, carethe
coefficients of the expansion in known orthogonal
polynomials {p,(y), g,(y)}; and n is the number of the
expansion terms. The parameters m,, K;, and ¢, of the
one-dimensional distribution are determined by the
ordinary differential equations

rht = ‘ﬂ(rnt! Ktvc)\)! r.nto = mO! (20)
Ki = H(m, Ky ), Ky, = Ko, 21)
Cut = 6.(m, K, cy), Cut, = Cuo» (22)

whereA, u=1,2,...,n;and «, J, and 6, are the given
functions.
DOKLADY PHYSICS Vol.48 No.5 2003
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In the Gaussian approximation (wheref, is approxi-
mated by the normal distribution [10, 11]), Kinetic
model (14) is described by the equations

f, = fi(y,m, K,t)
= [2m°[KJ] ™ exp{~(y—m) K (y —my)} |
m = d(m, K t) = Mya(Y,t), m
Ke = H(m, K, t)
= My[a(Y, t) (Y —=m)) + (Y—=m)a(Y,t)" + a(Y, 1)],
o(Y,t) = b(Y, )v(t)b(Y,1)", K, = Ko (25)

Here, the subscript N means that the mathematical
expectation should be evaluated for the equivalent nor-
mal distribution with unknown expectations m, and
covariance matrix K.

7. If the parameters correspond to the first harmon-
ics, i.e., the linear fluctuation moments are fixed, the
model based on Egs. (24) and (25) coincides with the
spectral correlation model [9].

In thelinear approximation, thefirst and second har-
monics of the Earth’s inertia tensor are responsible for
both additional stochastic oscillations at higher fre-
quencies mwpy (M = 2) and trends. In particular, for

(23)

=my (24)

P, =9, =R, =0and Jor = J,, the average statis-
tical trend in p; and g is determined by the formulas

MAMPD = D ,0IN;,
where

MAMIM= OP,IN;", (26)

(Iep (0 = —U4[(m:)2 + D:

2
1] 20 P
+ OJ*%L— b i| 2 6 Wy _‘Z‘Da
M0, = Suye? _bp
1 2 7NM% ZD

Here, l..00 means double averaging over the time
intervals 2ry" and 21w, and the expectation m, and

the variance D of r, are determined by Eq. (3). There-
fore, in the linear approximation, the second harmonics

give rise to additional terms proportional to b? .

The inclusion of the nonlinear (in u, p;, q;, and ry)
components of the moments®, ,, 2, ,,and R, , enter-
inginto Egs. (1)«(3) allows ustoimprovethelinear and
nonlinear spectral correlation models [7-9]. In this
case, by virtue of Egs. (11) and (12), parametric and
nonlinear stochastic perturbations directly affect both
the parameters of stochastic oscillations at the frequen-
cies mwand trends.
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More than a century ago, Woehler established that
any metallic construction materia is characterized by a
fracture curve called a fatigue curve peculiar to the
given conditions of cyclic loading. Since then, engi-
neers and investigators have focused their efforts on
obtaining fatigue curves for various constructional
materials under different loading conditions (soft and
rigid loadings, various testing temperatures, loading
frequency, asymmetry of acycle, etc.). Theseinvestiga-
tions were performed in two directions: elastoplastic-
deformation loading, when the number of cycles before
fracture is small (low-cycle fatigue with less than
10* cycles before fracture), and elastic (inelastic) load-
ing, when the number of cycles before fractureislarge
(more than 10* cycles). Later, a unique scientific direc-
tion, cyclic fracture mechanics, was divided into the
cyclic loading before the formation of acrack and load-
ing at the crack-propagation stage. At the latter stage, as
well as at the crack-initiation stage, there are rapture
curves corresponding to each material and each loading
condition. To date, numerous experimental data on the
characteristics of material resistance to cyclic loading
have been accumulated for the stages of both the initia-
tion and propagation of cracks. Thousands of hand-
books summarize these properties of construction
materials used in each branch of mechanical engineer-
ing and other fields.

At the same time, rupture criteria for estimating the
strength of machines, equipment, and constructions
have attracted much attention in force, deformation,
and energy approaches. Tens of such criteria have been
suggested in each of these approaches [1]. Unfortu-
nately, the available criteria are, as a rule, either the
equations of the fatigue curve for a particular materia
and given loading conditions or valid only for a very
limited number of materials and loading conditions. In
the former case, the criteria cannot be extended to other
materials and other testing conditions. Inthelatter case,
numerous experimental data continue to be required.

Blagonravov Institute of Mechanical Engineering,
Russian Academy of Sciences, M. Khariton' evskii per. 4,
Moscow, 101990 Russia

In this study, aunique fracture criterion based on the
hypothesis of the damaging role of microstress on the
path of plastic [2] and elastic deformationsis obtained.
It can be applied for all metallic materialsin the entire
range of cyclic loading (low- and high-cycle regions).
In addition, the criterion isindependent of loading con-
ditions (temperature, frequency, and asymmetry of a
cycle) at both the crack-initiation and crack-propaga-
tion stages under soft loading (loading with a given
stress amplitude) [3]. This criterion has the form

Ny

N¢
06y, Ae
—+dN + [—dN = 1, 1
‘([ - { - (D

wheree,, =3 + €.

For rigid loading (loading with a given amplitude of
elastoplastic strain), it is possible to assume that & =
const. Then, Eq. (1) can be written in the form

oe
s—ijf =1 )

Thefirst term in Eq. (1) is responsible for the level
of accumulated damage under the action of cyclic plas-
tic and elastoplastic deformations, whereas the second,
to damage due to plastic deformation unilaterally accu-
mulated in the given number of loading cycles. The
fracture happens when the level of damage is equal to
unity. Dependence (1) makesit possibleto find thelevel
of accumulated damage for any number of loading
cycles, including programmable loading.

The assumption concerning the damaging role of
microstress in elastic and plastic deformations made it
possible to describe fracture conditions by a unique
dependence (1) in the entire range of fatigue life under
cyclic loading [in the ranges of both low- and high-
cycle fracture (see figure)].

The criteria obtained indicate that, under cyclic
loading, the process of accumulation of damages and
the fracture conditions obey a unigue rule (law) inde-
pendently of loading conditions.

Let us introduce the notation
oe _ 0e,, + Acge

— ep
= =t and n i L ——
e P )
52 82
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for rigid and soft loading, respectively. Then, criteria (1)
and (2) can be rewritten in the form

r]eNf = l, npr = 1! (3)

where n, is defined from the averaged values of &
and Ae.

Earlier, it was shown [1] that the ratio g satisfacto-

rily defines the cyclic Bauschinger effect for a small
number of cycles before fracture. One can assume that
this ratio describes the Bauschinger effect in both the
low- and high-cycle ranges.

The experimental test of criteria (1) and (2) corrob-
orated the existence of the unique (integrated) fatigue
curvefor low- and high-cycle loadings (seefigure). The
integrated fatigue curve is common for al metallic
materials (and their structural states, i.e., independent
of the thermal-treatment kind) and for all cyclic-load-
ing conditions (temperature, loading frequency, and
asymmetry of a cycle). The loading conditions influ-
ence the characteristics of the resistance to deforma-
tion, which enter into Egs. (1) and (2). However, they
do not change the rule (law) of accumulating damages
in accordance with these criteria, including program-
mable loading (two-frequency loading, steplike load-

ing, overloading, loading with holding in half-cycles of
loading, etc.).

Criterion (1) describes the kinetics of damage accu-
mulation, whose ultimate case is the appearance of a
macrocrack.

To describe the macrocrack-propagation stage,
numerous criteria of fina fracture (durability) were
also proposed. Unlike the criteria introduced above,
these criteria, aswell asthe avail able criteriadescribing
the fracture of materials at the stage before initiation of
acrack, are not universal.

The application of the concepts described above to
the crack-propagation stage made it possible to obtain
the durability criterion of a material (a construction) in
the form

Nf Nf

VeV
I%’dN+IA—VdN =1, @)
0 Ve 0 Ve

where v,, v, v, and Av are the plastic (residual and
reversible), elastic, and elastoplastic (reversible) dis-
placement of the crack edges in a half-cycle of exten-
sion and unilaterally accumulated crack opening in a
cycle, respectively; and v isthe limiting crack opening
under the single failure of a sample with a crack.
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When crack opening is not accumulated (rigid |oad-
ing), the second term in Eq. (4) is equal to zero. In this
case,

Nf

VvV
J’—gp—z—pdN =1 5)
0 Ve

In terms of the notation

VeVp VeVt AV LV ¢
Mme = =% Mmp=— 5
VC VC
criteria (4) and (5) take the form
r]meNf = l, r]mpr =1 (6)

Thus, the limiting cases of damage accumulation and
loading conditions obey the same law as that for the
crack-initiation stage. However, each stageis character-
ized by individual deformation characteristics.

Criteria (6) are corroborated experimentally (open
circlesin figure).

To substantiate the existence of the unique fatigue
curve, we used the fatigue-test data of the following
materials: 22k steel (soft and rigid loading; r, = 0.3,
-0.7, 0.9, and —1.0; specimens with a concentrator;
T =150, 270, 350, and 450°C), TS steel (soft and rigid
loading; r, = -0.3, —0.7, —0.9, and —1.0; notched sam-
ples; T = 270, 350, and 450°C), H18N10T steel (soft
and rigid loading; T = 250, 450, 550, and 650°C; pro-
grammed loading and two-frequency loading; the
stages of the initiation and propagation of cracks),
16GNMA EShP steel, CSN steel, steel with 0.22% of
carbon, 1H13 steel, 45 steel (two-step loading),
SAE4340 steel (training), 713C-LC Inconel, 713C-SG
Inconel, BW Vaspaloy, BK Vaspaloy, A Vaspaloy,
AD-33 (r; = 0, -1, and +0.5), Ni-Mo sted, and
El1-437B steel (T = 700°C).

The unique (integrated) fatigue curveis common for

(i) al metallic constructional materias;
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(ii) low- and high-cycle fatigues (i.e., the entire
range of durability);

(iii) the crack-initiation and crack-propagation
stages,

(iv) any kind of loading (cyclic extension—compres-
sion, torsion, and bend);

(v) any positive test temperature;

(vi) any loading frequency;

(vii) any asymmetry of aloading cycle;

(viii) rigid loading (loading with a given strain) and
soft loading (loading with agiven stressin acyclewhen
the parameters of the curve aretaken in average values).

Thus, aunique (integrated) fatigue curve of materi-
als (see figure) exists in the entire range of durability
(low- and high-cycle fatigues) independent of the type
of amaterial, itsstructural state (thermal treatment), the
kind of loading (single-frequency, double-frequency,
asymmetric, with time lags, and programmable), and
loading conditions (temperature and frequency). This
circumstance makes it possible to formulate new
approaches to fatigue tests of materials, obtaining
deformation characteristics, the methods of cyclic
strength cal culations, the rules of choosing amaterial in
the process of designing, the production of testing and
measuring instrumentations, the volume and the char-
acter of reference data, and the conditions of optimiz-
ing the properties of constructional materials and the
kinds of their treatment.
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