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Abstract—Parameters of a multiwave radiator pumped with transverse volume discharge in an Ar—Xe-Cl,
mixture at apressure of P = 5-30 kPawere optimized. It is shown that, at apartial xenon pressure in the mixture
below 0.4 kPa, the discharge may serve a multiwave radiation source operating on the electron-vibrational tran-
sitions with A = 175 nm ArCI(B—X), 236 nm XeCl(D—X), 258 nm Cl,(D'-A"), and 308 nm XeCl(B—X). The
emission line intensities have comparable values, which may be of interest for applications in the short-wave
pulsed photometry, microel ectronics, and photochemistry. © 2000 MAIK “ Nauka/Interperiodica” .

At present, the excimer lamps using halides of inert
gases RX* (R=Ar, Kr, Xe; X = F, Cl) excited by trans-
verse volume discharge (TV D) offer most powerful and
comparatively simple sources of spontaneous radiation
pulses of submicrosecond duration [1]. Most developed
are the pulsed eectric-discharge radiators operating
within fixed bandsin theregion of A =222 nm KrCl and
308 XeCl. The working media of these radiators use
predominantly HCI asthe chlorine carrier and He or Ne
asthe buffer gases[2, 3].

Recently [4], a TVD-pumped excimer lamp operat-
ing in amultiwave regime has been devel oped for asys-
tem of bands at 353 nm XeF/308 nm XeCl/249 nm
KrF/222 nm KrCl using He-Kr—-Xe-SFs—HCI working
gas media or CF,Cl, molecules as the common carriers
of chlorine and fluorine for the RX* formation [5]. To
the present, multiwave radiators operating in a wider
wavelength range (including vacuum ultraviolet) were
not described.

Below, we report on the results of optimization of a
multiwave excimer radiator for the vacuum ultraviolet
(VUV) range, which employs an Ar—-Xe—Cl, gas mix-
ture. A special feature of this working medium is that
the halogen molecule proper is arather effective source
of radiation with A = 258 nm CI,(D'-A"), possessing a
minimum intrinsic absorption in the region of A <
200 nm. In addition, the plasma formed upon the RX*
molecule formation featuresincreasing role of the“ har-
pooning” reaction R(m) + Cl, — RCI* + Cl, where
R(m) denotestheinert gas atom in ametastable state [6].

The discharge was initiated in the TVD-pumped
radiator described elsewhere [7]. The discharge plasma
occupied avolumeof 18 x 2.2 x 1.0cm?, inwhich TVD
was induced by a two-loop LC circuit with automated

spark preionization provided by a TGI1-1000/25 com-
mutator. The storage battery was composed of capaci-
tors of the K15-10 type (40 kV, 10 nF) and had atotal
capacitance of 30 nF. The differentiating capacitor
comprised 20 capacitors of the KVI-3 type (20 kV,
470 pF). Emission from the TVD plasma was moni-
tored using an 0.5-m vacuum monochromator equipped
with a 1200 mm grating. The radiation was detected
with a FEU-142 phototube (LiF window), the working
wavelength range of the spectrophotometer extending
from 130 to 350 nm. The setup was calibrated in the
165-350 nm region with respect to the H, continuum.

Figure 1 shows atypical emission spectrum of the
TVD plasmain an Ar—Xe—Cl, gas mixture plotted with-
out correction for the spectral sensitivity of the vacuum
monochromator—phototube system. As seen, the UV—
VUV range is represented by the simultaneous emis-
sions at A = 175 nm ArCl(B—X), 236 nm XeCl(D—X),
258 nm Cl,(D'-A"), and 308 nm XeCl(B—X). By select-
ing an optimum gas mixture composition, the intensity
of transitions in the ArCl, CI5 , and XeCl molecules
can be leveled.

We have studied the intensity of emission in the
bands of ArCl(B— X) and Cl,(D'-A") as function of the
chlorine content and total pressure using TVD in the
Ar—Cl, mixture. The experimental results showed that
the optimum partial pressure of Cl, molecules (for
Ucharge < 14 kV) fallswithin 0.2-0.4 kPa, while the total
pressure of the double mixture exhibit a broad maxi-
mum at P = 8-15 kPa. Further increase in the pressure
detrimentally affected the discharge homogeneity. Sub-
sequent optimization of the working mixture composi-
tion was performed at P = 13.3 kPa.
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Fig. 1. Typical emission spectrum of TVD plasmain an
Ar—Xe-Cl, mixture with the partial pressures13.3, 0.4, and

0.24 kPa, respectively.

Figures 2 and 3 show the plots of emission intensity
versus Xe content in the mixture and the number of
TVD pulses for the bands of ArCI(B—X), Cl,(D-A",
and XeCl(D, B-X). As seen from Fig. 2, the multiwave
regime of the radiator with close values of the band
intensities is realized at a xenon partial pressure in the
range [Xe] = 0.15-0.4 kPa. When [Xe] = 0.2 kPa, the
bands at 308 nm XeCl and 258 nm CI5 have equal
intensities, while the emission from ArCIl(B—X) and
XeCl(D-X) is lower by afactor of 2-3. Increase in the
xenon content above 0.4 kPaleads to a sharp growth of
the emission at 308 nm XeCl(B—X) and a drop in the
intensity of ArCI(B—X) and Cl,(D'-A") transitions. The
characteristic operating life for these transitions (i.e.,
the time after which the emission intensity decreases by
half) is not less than (2-3) x 10* pulses. The plot of
intensity versus charging voltage for the bands of RCI*

and ClI; islinear (for Ugage = 4-12 kV, whereby the
intensity increases by afactor of 3-5.

Physical processes most strongly affecting the for-
mation of XeCl(D, B-X) and ArCl(B—X) moleculesin
plasmain the Ar—Xe—Cl, gas mixture include the reac-
tion of energy transfer from metastable Ar atomsto Xe
[8, 9] and the excitation of Xe atoms. For the plasma
studied in this work (in contrast to the active media of
high-pressure excimer lamps), the role of the recombi-
nation reaction Arf(Xe) + CI- + (Ar) —
ArCl* (XeCl*) + (Ar) decreases because the rate of this
process drops (from 10 to 10~" cm?3/s) in proportion to
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Fig. 2. The plot of emission intensity versus xenon partial
pressurefor thetransitionswith A = 175 nm ArCl(B-X) (1),
236 nm XeCl(D—X) (2), 258 nm Cl,(D'-A") (3), and 308 nm
XeCl(B—X) (4) in an Ar—-Xe—Cl, mixture with the partial
pressures [Ar] = 13.3 kPa and [Cl5] = 0.24 kPa (Ucpage =
12.5kV).

the buffer gaspressure (reduced from 100 to 10 kPa) [10].
In theinitial TVD stage, the maximum contribution is
due to the “harpooning” process of the type Xe(m) +
Cl, — XeCl + Cl [6] determined by the presence of
excited atoms in the medium. The mechanisms of for-

mation of RCI* and Cl5 will be studied in more detail
using high-resolution plasma emission spectroscopy.
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Fig. 3. Theplot of emissionintensity versusnumber of TVD
pulses for the transitions with A = 175 nm ArCI(B—X) (1),
236 nm X eCl(D-X) (2), 258 nm Cl,(D-A") (3), and 308 nm

XeCl(B—X) (4) in an Ar—Xe-Cl, mixture with the partial
pressures [Ar] = 13.3 kPa, [Xe] = 0.4 kPa, and [Cl,] =
0.24 kPa (Ugpage = 125 kV).
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Thus, we have devel oped a multiwave excimer radi-
ator operating on the transitions with A = 175 nm
ArCl(B—X), 236 nm XeCl(D-X), 258 nm CI3 , and
308 nm XeCl(B-X) using medium-pressure TVD
plasma. For the optimum partial pressure of chlorine
(0.3-0.4 kPa), total gas pressure (10-20 kPa), and
xenon pressure (0.15-0.4 kPa), the operating life of the
radiator exceeds (2-3) x 10* emission pulses.

The author is grateful to A.l. Dashchenko for his
help in conducting experiments.
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Abstract—The phenomenon of nonlinear optical conversion of aYAG:Nd laser radiation frequency from IR to
UV spectral rangein naphthal ene vapors was studied. The optimum temperature of naphthal ene vapors (170°C)
was found at which the pumping radiation is synchronously converted into the third harmonic emission.
A mechanism of the third harmonic generation is proposed based on the difference frequency generation in a
six- photon process. The efficiency of conversion to the third harmonic generation varied within 1079-1078,
depending on the pumping intensity and cell temperature. Nonlinear optical characteristics of naphthalene
vapors were calculated for the generation using nonlinearities of the third and fifth order. © 2000 MAIK

“ Nauka/Interperiodica” .

Nonlinear optical properties of the vapors of organic
compounds were originally studied in benzene (CgHg)
vapors[1], where conversion of theinitial emissioninto
the vacuum UV range was observed, and in acetylene
(C,H,) vapors[2], where the third harmonic generation
of a dye laser in the UV range was obtained. Subse-
guent investigations showed that nonlinear susceptibil-
ities of some organic dye molecules with conjugated
double bonds are comparable with nonlinear resonance
atomic susceptibilities [3, 4], which was explained by
the presence of delocalized mtelectronsin these organic
molecules. The latter factor accounts for increasing
nonlinear susceptibility of these media and makes the
molecules with conjugated double bonds promising
nonlinear optical materials. Note that delocalization of
the Tt electrons in fullerenes (Cq,) also accounts for a
large nonlinear susceptibility of these molecules
observed in the process of harmonic generation [5, 6]
and wavefront reversal [7].

Nonlinear optical characteristics of some organic dye
vapors were studied and various schemes for the laser
radiation frequency conversion were suggested [4, §].
However, there are still many open questions concern-
ing determination of the conditions of phase synchro-
nism for the frequency conversion by different chan-
nels, the signs of dispersion in the corresponding non-
linear optical processes, the effects of various
nonlinear factors on the efficiency of conversion in
these media, etc.

The purpose of our investigation was to study the
process of frequency conversion in organic dye vapors
from IR to UV rangein picosecond laser pulses,

The dipole moments and nonlinear susceptibilities
of the organic dye vaporswere cal culated using the free
electron model. According to this theory, a system of

conjugated double bonds is described assuming that o
electrons of carbon atoms, responsible for the o-bonds,
determine a molecular skeleton of definite shape. This
skeleton, being positively charged, creates a potentia
inwhich al ttelectrons can move freely over the whole
conjugated structure. Despite a somewhat simplified
character [9], the free electron model providesfor asuf-
ficiently adequate description of the systems with con-
jugated double bonds and calculation of their major
optical (in particular, nonlinear) characteristics[10].
We have studied the process of laser third harmonic
generation using naphthalene (C,yHg) as the organic
dye. This selection is explained by the fact that naph-
thalene has a sufficiently high vapor density already at
comparatively low temperatures (~200°C), which facil-
itates attaining of the regime of synchronized conver-
sion of the pumping radiation into harmonic emission.

Using the results of calculations of the energy lev-
els, transition frequencies (wy,,), and dipole moments
of trangitions (d;) of naphthalene summarized in the
table, we determined the value of the third-order non-
linear susceptibility x®(3w) for the third harmonic
generation of aYAG:Nd laser with w=9391 cm (w +
w + w O 3w process). The calculation was performed
using the formula[11]:

@ _ 1 [
3
4h n,m,|
and yielded the value x®(3w) = 0.42 x 10 CGSE
units.

Inisotropic media, the process of the third harmonic
generation may proceed, besidesthe w + w+ w O 3w
process, by the w + w+ w+ w—w O 3w channel. We

dgndnmdmldlg
(wgn - 0‘)) (wgm - 2(-"-))((")gl - 30‘))

|

1063-7850/00/2605-0360$20.00 © 2000 MAIK “Nauka/ Interperiodica’



LASER THIRD HARMONIC GENERATION IN ORGANIC DYE VAPORS

361

A =1064 nm (\

V

1 2 3

|

Fig. 1. Schematic diagram of the experiment on the third harmonic generation of aYAG:Nd laser in naphthalene vapors: (1) YAG:Nd
laser; (2) focusing lens; (3) optical cell with naphthalene vapors; (4) spectrograph; (5) FEU-106 phototube; (6) V4-17 voltmeter.

have calculated the fifth-order nonlinear susceptibility
for the latter process by analogy with the above third-
order parameter and obtained x®(3w) = 1.3 x 10
CGSE units.

The initial radiation was generated by a YAG:Nd
laser producing atrain of picosecond pulses [12] with
the following characteristics: pulse train energy, 5 mJ;
number of pulses, 7; pulse duration, 35 ps. The laser
radiation was focused by alenswith afocal distance of
25 cminto the center of agascell containing dye vapors
(Fig. 1). The cdl comprised a stainless steel cylinder
with entrance and exit quartz windows in the edge
flanges. The cell was provided with heating and cooling
systems. The dye vapor pressure was determined by
measuring a temperature inside the cell with athermo-
couple and using a calibration curve of vapor pressure
versus temperature. The nonlinear optical medium was
represented by naphthalene (C,,Hg) vapors abtained by
heating the cell to 220°C, which corresponded to a
naphthalene molecule concentration of N ~ 108 cm=,
The pumping radiation and third harmonic emission
were extracted via an exit window and separated by an
| SP-30 spectrograph. The third harmonic emission (A =
354.7 nm) was detected by a FEU-106 phototube, the
output signal of which was measured by aV4-17 volt-
meter. The output third harmonic signa intensity was
studied asfunction of the pumping radiation energy and
the dye vapor temperature.

Figure 2 shows a plot of the third harmonic signal
intensity versus naphthalene vapor temperature. As
seen, a maximum intensity of the converted radiation
was observed at a temperature of about 170°C. This
behavior istypical of the regime of odd harmonic gen-
eration under the fine focusing conditions (b < L., b =

Dipole moments of transitions (d; x 108 CGSE units)

8 mmisthe confocal parameter of the focused radiation
and L, = 180 mm isthe pathlength in the nonlinear opti-
ca medium), observed in an isotropic nonlinear
medium possessing negative dispersion or in the
regime of difference frequency generation (irrespective
of the sign of dispersion).

As noted above, the process of third harmonic gen-
eration in the naphthalene vapors may proceed either
by the direct channel (w + w + w O 3w) or viaa six-
photon process of the difference frequency generation
(w+w+w+w—w 0 3w). A necessary condition for
the synchronized third harmonic generation by the first
channel using the initia radiation finely focused in a
nonlinear medium is that the harmonic emission wave-
length must fall within the region of negative dispersion
(i.e., ks —3k; <0, where k; and k; are the harmonic and
pumping wavevectors, respectively). Only this would
ensure that the additional phase shift caused by the
radiation passing over the region of focusing would be
compensated by dispersion of the nonlinear medium.
This necessary condition provides for the possibility of
asynchronized transfer of the incident electromagnetic
wave energy to the harmonic wave.

The region of negative dispersion may form only in
a medium featuring anomalous dispersion (dn/dA > 0)
and possessing the corresponding electron transition
lines. Analysis of the spectrum of single-photon
absorption of naphthalene vapors shows that the wave-
length region corresponding to the third harmonic gen-
eration (354.7 nm) contains no absorption bands of
lines [13]. The medium exhibits normal dispersion in
this region and, hence, the conditions of synchronized
energy transfer by the direct channel w+ w+ w O 3w
in naphthal ene vapors cannot be realized for amoderate

d; 5 6 7 8 9

5 0 1355073 0 1.454014 0

6 1355073 0 135708 0 1.467431
7 0 135708 0 1358422 0

8 1.454014 0 1358422 0 1359362
9 0 1.467431 0 1359362 0
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Fig. 2. A plot of the third harmonic signal intensity versus
the temperature of naphthalene vapors in the cell. Each
point presents the result of averaging over 15 measure-
ments.

intensity of pumping radiation of the YAG:Nd laser,
where the Kerr effect is insufficient for changing the
sign of dispersion.

A different pattern and conditions for the third har-
monic generation are observed in the second possible
case. No region of negative dispersion is required for
realization of the processw+ w+ W+ w—w O 3w,
since a difference frequency can be generated in the
synchronous mode in a medium with arbitrary sign of
dispersion [14, 15]. Thus, the nonlinear optical process
of thefifth order seemsto be most probable in our sys-
tem. In this case, the nonlinear susceptibility (x) will
be determined (like X® in the case considered above) by
the presence of transition lines with high oscillator
strengths near the four- photon resonance (37564 cm™).
For the naphthal ene vapors, the frequency shift is suffi-
ciently large. A similar process of the difference fre-
guency generation in naphthalene vapors in the region
of third harmonic of aYAG:Nd laser was studied previ-
ously for afour-photon process of the type (2w + 2w —
w0 3w)[8].

The absolute value of the conversion efficiency was
determined taking into account transmission of the
optical elements, photocathode efficiency and gain of
the phototube, and the spectrometer transmission func-
tion. Absolute calibration of theregistration system was
performed with aid of two KDP (potassium dihydro-
phosphate) crystals mounted in front of the cdl, in
which the IR radiation was converted into the third har-
monic and then measured using an energy meter and
the phototube. The maximum conversion efficiency
measured for the third harmonic generation process in
naphthal ene vapors was 1078

TECHNICAL PHYSICS LETTERS  Vol. 26
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To summarize, we have studied the process of non-
linear optical conversion of the frequency of YAG:Nd
laser radiation from IR into UV range in naphthalene
vapors. The optimum temperature of naphthalene
vapors (170°C) was found at which the pumping radia-
tion energy is synchronously transferred to the third
harmonic emission. A mechanism of the third harmonic
generation is proposed based on the difference fre-
guency generation in a six-photon process. The effi-
ciency of conversion to the third harmonic varied
within 107°-10-8, depending on the pumping intensity
and cell temperature. Nonlinear optical characteristics
of naphthalene vapors were calculated near the line of
generation using nonlinearities of the third and fifth
order.
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Abstract—The possibility of translational transfer of the electroacoustic boundary waves with stripe domains
moving in atetragonal ferroelectric crystal isconsidered. It is shown that the stripe domain motion accountsfor
noncollinearity of the electroacoustic wave vector and the guiding boundaries. Conditions are determined for a
pronounced boundary localization of the symmetric mode of the electroacoustic wave, which provides for the
possibility of trandational transfer. © 2000 MAIK “ Nauka/lInterperiodica” .

Devices with single stripe domain (SD) are widely
employed in control systems featuring acoustodomain
interactions [1]. The motion of SDs in these devices
takes place only during readjustment and, in principle,
is not employed in the working regime. This SD
motion, appearing essentialy as a side effect, by no
means demonstrates all possibilities of data processing
in devices implementing acoustodomain interactions.
Below, we will theoretically justify the possible direct
use of SD motion for the tranglational transfer of elec-
troacoustic boundary waves capable of effective chan-
neling under usual static conditions[2, 3].

In this context, we have to first verify the fact that
electroacoustic waves may exist in the moving SD and
check for the possibility of their sufficiently well pro-
nounced boundary localization. This is important in
order to exclude the effect of external boundaries and
establish the conditions of trandlational transfer in real
crystals of finite dimensions.

Taking into account a very simple character of the
theoretical model employed in [2, 3], we will aso pro-
ceed from the same assumptions. In addition, we will
assume that SD moves uniformly at a subsonic velocity
Vp|lWI[010], Vp < ¢ (¢ is the transverse shear wave
velocity) in a ferroelectric crystal of the BaTiO; type
occurring in the state far from the region of phase tran-
sitions. This assumption allows us, first, to neglect var-
ious possible processes of structural rearrangement
involving SD boundaries. These boundaries are consid-
ered as geometrically thin 180° domain walls with the
current coordinatesy; = Vpt, ¥, = Vpt + d, wheret isthe
current timeand d isthe SD wall thickness. Second, we
may consider the motion of SD as a predetermined pro-
cess.

The directions of spontaneous polarization and
shear displacementsin the electroacoustic waves prop-
agating in the xOy plane coincide with the z axis (paral-
lel to the [001] crystal axis) in the laboratory frame

X0yz. The ferroelectric crystal is considered as a piezo-
electric crystal of the 4 mm group, which exhibits twin-
ning in the planes of SD boundaries [2, 3]. The values
of the piezoel ectric modulus e, are taken equal to efor
yi<y<y,and—-efory<y,andy>y,, whereeisthe
piezoel ectric modulus of a monodomain sample.
Taking into account obvious limitations Vp/c < 1,
c./c < 1 (wherecisthevelocity of light), we passto the
SD rest coordinate system x0yz (most adequately
reflecting the character of the problem under consider-
ation) in a nonrelativistic quasistatic approximation
based on the Galilean transformation X =X, y =y —
Vpt, Z =z T =t. Thisisequivalent to the change of dif-
ferential operators by the scheme d/ox — 9/0X,
a/0y — 010y, dlot — 0/0y — Vpa/dy in the initial
equations and boundary conditions. Finally, we obtain

109 ng ”Z}DUD_

= v, 20O =0,

[t Veast -0 AR
5200 -
TRp=o

Here, u and u; are the shear displacementsin SD (0 <
y <d)and outside (j = 1for y <0;j=2for y >d),

)

2
0 = 8%0%° + 8%0Y°, and ® and @, are the parts of
potentials

41t 41e
6 =Tgurd, ¢ =-"Fuso, ()

representing the electrostatic fields in SD and outside
induced by the piezopolarization charges occurring at
the boundaries, and € is the dielectric permittivity.

Aiming at constructing the solutions to equations (1)
of the type expi(k”i —Qt) and taking into account the
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(a) 1

Fig. 1. Comparative spectral pattern of modes for the static
(curves 1) and moving (curves2) stripedomain inthe (a) SD
rest frame and (b) laboratory frame of reference.

condition that the quantitiesu, ® and u; , and ®; must be
limited in the domains of their determination, we may
show that

u, = Ujeiéeikjyexp[(—l)“ls?],
u = eizeikmy(ve—sfl_'_wesy),
_ ig j+1, ~

®; = Fieexp[(-1)' kY1,

® = ¢(ae "

©)

+ Bek”y).

Here, & = k”>~< —Qt isthe phase of the electroacoustic
wave oscillationsaong SD, Q isthe frequency of oscil-
lationsin the SD rest frame, k and k;, are the longitudi-
nal and transverse components of the electroacoustic
wave vector k = Kk, + k; relative to the SD boundaries.
The components obey the relationships

Q B 1] 2, Q°
kg = =———, s= ki(l-B)—-=, @&
0 Ctl—Bz 1—82 ||( B ) Ctz ( )
where 3 = Vp/c,.

In addition to (4), a relationship (characteristic of
the electroacoustic waves) between the amplitude
decay coefficients and the longitudinal wave vector
component can be obtained using the boundary condi-
tionsfor y =0, d. These conditions reflect continuity of
the shear displacements, stresses, potentials, and nor-
mal components of the electric induction [2, 3]. Note
that these quantities contain no derivatives with respect
to time and, hence, do not change their forms upon
going to the SD rest frame of reference. The condition
of zero determinant of a system of equations obtained
upon substituting expressions (2) and (3) leads to the
following equation:

HkA(1-e2)(1-e")
—29°ko(1-€ e ™ coskyd) + 0% = 0,

where Kk = kd, 0 = sd, J{? = 4me?(eA*) is the square
electromechanical coupling coefficient, A* = A +
4me?le, and A isthe shear modulus.

®)
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Similarly to the static case of B = 0 (k; = 0) [2],
equation (5) shows the existence of two spectra
branches (modes) of the electroacoustic wave retained
by the SD. By analogy with [2], these branches are
called symmetric and antisymmetric—according to the
predominant character of distribution of the shear dis-
placements (3) with the transverse coordinate y along
the wavefront relative to the SD median plane y = d/2.

Figure 1 shows the spectral representation of the
electroacoustic wave in the SD rest frame (Fig. 1) and
the laboratory frame (Fig. 1b) for the symmetric (solid
lies) ad antisymmetric (dashed) modes with 3 = 0
(curves 1) and B # O (curves 2). The passage from the
laboratory frame to the SD rest frame implies a para-
metric conversion of the frequency w by the relation-
ship w = Q/(1 — B? established by applying the
Galilean transformation to expressions (3). In Fig. 1,
the angular deviation of the low-frequency asymptote
of the symmetric mode from the common high-fre-
guency asymptote depicted by straight segments con-
tinuing the corresponding spectral branches (this
asymptote represents a spectrum of the Marfeld-Turn-
ois mode of the electroacoustic wave on an isolated
domain wall [4]) isintentionally exaggerated. A differ-
encein the spectraof modes depicted in Figs. laand 1b
can be explained by arelative character of the spectral
description in various frames of reference.

According to equations (3) and (4), the motion of
SD will be manifested in the electroacoustic wave
structure by noncollinearity of the wave vector k and
the guiding surfaces y =0, d. For the waves on station-
ary (fixed) boundaries, this property (typical of outgo-
ing or pseudosurface acoustic waves [5] and radiative
polariton states [6]) is evidence of the energy losses as
a result of emission into the underlying space volume
or into the environment. For this reason, the surface
waves of this type are always decaying.

In the case under consideration, the electroacoustic
wave moving with SD can be formally associated with

adecay wave of “leak” on one side of the SD (y > d).

On the other side of SD (y < 0), the wave has a struc-
ture of the oncoming wave not typical of the known sur-
face waves. Thus, the eectroacoustic wave exhibits a
common energy flux with a component parallel to the
direction of SD motion. Thiscomponent determinesthe
level of energy consumption from an external source
for the tranglational motion of the el ectroacoustic wave
coupled with the SD by piezopolarization charges.

The spectra of modes presented in Fig 1 demon-
strate the ability of the electroacoustic waveto travel in
a steady-state manner aong the carrying SD without
decay or growth: k>0, w> 0, Q > 0. Figure 2 showsthe
frequency dependence of the localization index I = gk
calculated for the BaTiO; crystal (H? = 0.38), which
confirms the boundary character of the wave. The only
exception is the point of the antisymmetric mode gen-
eration (black circlein Fig. 1), which isobserved on the
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wdjc,

Fig. 2. Frequency dependence of the delocalization param-

eter I1 = Kis for the electroacoustic wave on a stripe
domain in BaTiO3 (laboratory frame) for B = 0.6 (1),

0.45 (2), 0 (3).

low-frequency asymptote Q = kc,(1— ) (Fig. 1a) or at
w = ke, (Fig. 1b), representing the law of dispersion of
the bulk shear waves in a monodomain crystal. At this
point, the antisymmetric mode degenerates into a sim-
plest form of the discrete spatial spectrum of flat homo-
geneous shear waves carried by the SD, the so-called
attached (better to say “entangled”) waves predicted

in[7.

Based on Fig. 2, we may conclude that the boundary
localization of oscillations is best manifested in the
symmetric mode (solid curves). As the vaue of 3
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increases, this mode decays rather slightly and (for not
very thin SD, kd > 1) exceeds the level of boundary
localization for the Marfeld—Turnois mode [4] deter-
mined by the high-frequency asymptotic limit. Note an
interesting possibility of B-independent and amost
maximum boundary localization of the symmetric
mode in the region of frequency dependence of M (w)
indicated by the arrow. In this region, the localization
length of the electroacoustic wave slightly exceeds two
wavelengths, which implies that the electroacoustic
wave would be virtually absent at a somewhat distance
(e.g., three wavelengths) from SD. For a transverse
crystal size of the order of a longitudinal SD size, the
process of trandational transfer of the electroacoustic
wave under these conditions may quite well establish.

The work was supported by the Federal Program
“Integration” (project no. A 0065).
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Biological Activity of the Human Skin Studied
by M ethod of Speckle Counting

A.P.Vladimirov, A. L. Lisin, V. 1. Mikushin, M. M. Kokhan,
I. A. Kuklin, and E. V. Kononenko
Institute of Engineering Science, Ural Division, Russian Academy of Sciences, Ekaterinburg, Russia
Institute of Dermatovenerol ogy and |mmunopathol ogy, Ekaterinburg, Russia
Ural State Technical University, Ekaterinburg, 620083 Russia
Received September 22, 1999

Abstract—Experimental data on the real-time dynamics of speckles related to biological processes in the
human skin are presented. © 2000 MAIK “ Nauka/Interperiodica” .

Introduction. The dynamics of biospeckles related
to the biological activity of cells were reported for
various objects, including fruits [1] and microorgan-
isms [2]. Utts [3] used the dynamics of speckles
induced by alaser beam scanning over the skin to study
the skin roughness. Bonch-Bruevich et al. [4] employed
a picosecond laser for observation of the pattern of
specklesin the image of a human arm skin area. It was
found that the pattern of speckles exhibited partial vari-
ation with time.

Below, wereport on thefirst results of our investiga-
tion into the free-field dynamics of biospeckles formed
by laser radiation scattered from a human skin area.
The quantitative analysis was performed using a
speckle counting technique developed in [5-7]. A
method is proposed for separation of the contributions
of two processes affecting the speckle dynamics,
namely, biological processes in the skin cells and
uncontrolled arm movements. The proposed method
was used for a comparative investigation of intact and
damaged skin areas.

Experimental methods and results. The experi-
mental techniques and methods were described in
detail elsewhere [8]. Figure 1 shows a schematic dia-
gram of the setup used in this work. Experiments were
performed with the aid of an LG-38M He-Ne laser
with a wavelength of A = 0.6328 um and a power of
50 mW. Uncontrolled movements of the arm of a
patient were restricted by using a special fixing device.
The beam of laser 1 was divided by a semitransparent
mirror 3 into two beams, which were focused with the
aid of mirrors 2 and lens 4 onto 0.5-mm-diam holesin
the fixing device 5. The skin in one hole was covered
with a sheet of nontransparent paper fixed with arub-
ber cement. The skin areas in the fixing device were
tightly pressed against the holes. The light beams scat-
tered from two areas stroke the photodiode matrix
detector (PMD) 8. We have employed a PMD of the
LF 1024-25/1 type accommodating 1024 photosensi-

tive cells with dimensions 24 x 25 um separated by
1-um-wide gaps. The conditions of object illumination
and scattered signal detection were selected so as to
provide that the PMD would detect the laser radiation
reflected within a skin layer of certain thickness.

The signal from PMD was fed to a computer via a
special data interface similar to that described in [9].
The PMD cell interrogation frequency could be varied
from 4 to 10 Hz. The data were acquisited and pro-
cessed using a special program package[7], which pro-
vided real-time monitoring of the signal distribution
over PMD cells and allowed noise filtration and deter-
mination of the number N of points at which the signal
intensity intersected floating threshold levels equal to
the average signal intensities for a given group of cells.
The N; and N, values corresponding to a skin area and
a control paper surface were determined by averaging

1

%
Computer interface 3
}&g
7
4

2

Fig. 1. Schematic diagram of the optical system: (1) laser;
(2) mirrors; (3) semitransparent mirror; (4) lens; (5) arm
holder with two holes;, (6) object (arm); (7) screen;
(8) PDM.
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Fig. 2. Histograms of (a) the number of speckles N and (b) their average intensity |, for various patients (indicated by number n).

over 100 cells with a unit step. The observations were
performed on the forearm skin areas of three healthy
people (control group) and six patients with various
forms of alergic dermatitis and psoriasis. Data on the
patients were reported elsewhere [8].

Observations of the variation of N; and N, values
with time showed that both quantities represent almost
linear functions with the average slope of N; = Ny(t)
being usualy markedly greater compared to that of
N, = N,(t). It was suggested that the process of random
phase variation of the scattered radiation, related to bio-
logical processes occurring in the skin and the process
of phase variation caused by the uncontrolled arm
movements can be considered as steady-state statisti-
cally independent Gaussian stochastic processes. We
have employed the fact that the number of threshold
intersections and the correlation interval of the scat-
tered radiation intensity for these processes are
inversely proportional to one another [5, 6, 10]. It was
also assumed that the proportionality factors are the
same for various processes, provided that the thresh-
olds are equal to the average signal values. Then, in the
case of small phase variations, the value of N represent-
ing a contribution due to the biological processes can
be determined by the following formula[8]:

N = (N2=N)™,

wherethe vales of N, N, and N, refer to the same time
instant t.

Figure 2a shows a histogram of N values calculated
by the above formula using the datafor various patients
(indicated by number n). Light columns refer to intact
(undamaged) skin areas, and dark columns, to the areas
bearing evident signs of damage; the N values were
determined for t = 20 s after the beginning of laser irra-
diation. Figure 2b shows the values of signals propor-

TECHNICAL PHYSICS LETTERS Vol. 26 No. 5

tiona to the radiation intensity |, within the same skin
areas. The |, values were determined in the same cells
upon smoothening of the signal variation over cells
(also measured 20 s after the onset of irradiation).

Discussion of results. In this work, the N values
were determined assuming that the two different dif-
fuse reflectors (skin area and the surface of a nontrans-
parent paper glued onto skin) produce the same
changes in the pattern of speckles related to the arm
movements. Under this assumption, Fig. 2a shows that
biological processes in the skin of various patients
account for 0.05-0.9 speckles per second. Skin is the
object with complicated optical properties and, hence,
it would be difficult to indicate factors responsible for
these variations in the scattered radiation intensity.
These factors may include, in particular, the flows of
blood and lymph, Brownian motions of various species
in the intercellular fluid, intercellular framework defor-
mations, and many others. Asis seen from Figs. 2aand
2b, the average intensity of radiation reflected from the
human skin is somewhat higher for the damaged skin
areas, while the number of specklesis generally higher
for intact skin areas. Thisis apparently indicative of the
fact that undamaged areas exhibit somewhat higher
transmission of the He—-Ne laser radiation. However,
the lack of reliable experimental data hinders justified
explanation of a difference between the number of
speckles observed on the intact and damaged skin
areas.

Apparently, a different response of living cells in
theintact and damaged areasto the incident laser radi-
ation may also contribute to the observed dynamics of
speckles.

We believe that the results of our investigation gave
grounds for certain optimism. If the observed features
will be confirmed for a sufficiently large number of
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ents, the proposed method of counting speckleswill
useful for the investigation of processes in the

human skin, in particular, for the study of skin response
to various external factors. In a more distant perspec-
tive, this technique may be used for the differential
diagnostics of dermatitis.
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Abstract—Experimental data on the recording and multiplexing of shifted counter-beam holograms with a
speckle reference beam are presented. The experiment confirmed the possibility of multiplexing shear speckle
hol ograms by shifting the photosensitive material by adistance equal to the reference beam speckle size. Asthe
number of multiplexed holograms increases, their lifetime in a layer of bichromated gelatin significantly

decreases. © 2000 MAIK “ Nauka/Interperiodica” .

A possible method of data compression consists in
their recording by means of 3D holograms, which can
be redlized by multiply rewriting holograms in the
same volume of a photosensitive material [1]. Previ-
ously [2, 3], we reported on the results of experiments
with a new thick-layer photosensitive material for
holography based on a glycerol-containing bichro-
mated gelatin. This material has an advantage of self-
development, whereby a restored image can be
observed immediately in the course of the hologram
recording. Thethick-layer bichromated gelatinis sensi-
tivein the blue spectral region and is characterized by a
long time of storage for a pair of flat-wave holograms.
However, the structure of a real multiplexed hologram
significantly differs from that of a single three-dimen-
sional lattice. In order to study behavior of the new
material under real data storage conditions, we have
performed experiments on the counter-beam hologram
multiplexing using a speckle reference beam.

Recently [4, 5], we reported on the results of exper-
iments in which 3D shifted speckle holograms were
multiplexed using a specia axial system. An advantage
of this scheme for recording 3D holograms consists,
besides simplicity, in the possibility of focusing the
object and reference waves exactly onto asmall area of
the photographic material. In addition, this scheme is
less sensitive with respect to system vibrations and the
degree of coherency of the radiation employed (in com-
parison with an off-axis recording schemes.

The multiplexed recording is based on the property
of shift selectivity of holograms recorded with the aid
of a speckle reference wave [6-8]. According to this
method, the multiplexing is performed using the fol-
lowing procedure. A radiation wave scattered from
object 1 isrecorded onto a photosensitive material with
the aid of a speckle reference wave formed by the laser
beam passing through a diffuser. Then, the photosensi-
tive materials shifted by a distance equal to the trans-
verse size of a speckle formed by the reference wave

and the hologram of object 2 isrecorded. The third and
subsequent objects are recorded similarly, using the
same reference wave. Moreover, the same reference
wave is used in the hologram reconstruction stage as
well. Readout of the required page is performed upon
shifting the hologram to a preset position.

According to the theory of shifted speckle holo-
grams, the step of shifts during the recording and recon-
struction of the multiplexed hologram is determined by
an average speckle size in the reference wave field on
the hologram surface. The average transverse size o of
a speckle, formed by the speckle wave passing through
a hole of diameter d situated at a distance F from the
surface on which the speckle pattern is observed, is
given by the well-known relationship

0 = 1.22\F/d.

The intensity of the reconstructed wave reaches
maximum when the speckle pattern of the restoring
wave exactly coincides with the pattern recorded in the
hologram. The intensity drops with decreasing overlap
of the two patterns and is zero if the patterns do not
overlap.

Let us consider experimental results on the multi-
plexing of shifted counter-beam speckle hologramsina
volume photosensitive medium. The optical scheme of
the hologram multiplexing is depicted in the figure.
This processis based on the splitting and converging of
colored beams by a scheme close to the Mach—Zender
interferometer. According to this, a laser beam is
divided into two by the beam-splitting cube BS. The
transmitted light beam is expanded by a collimator
comprising microobjective lens ML and lens L, after
which the beam is reflected by mirror M to the object
transparency O positioned in the front focal plane of
lens L,. The recording medium H is placed in the rear
focal plane of this lens, performing the Fourier trans-
form. The second beam is passed through diffuser D
and a system of lenses L5 and L, to form the reference

1063-7850/00/2605-0369%$20.00 © 2000 MAIK “Nauka/Interperiodica’
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Schematic diagram of the system of hologram recording in
the counter-beam mode with reference speckle beam:
(BS) beam dlitting cube; (ML) microobjective lens; (D) dif-
fuser; (L1—L ) lenses; (M) mirrors; (O) object transparency;
(PSP) plane-parallel glass plate; (H) recording holographic
medium.

beam. Diffuser D is positioned in the front focal plane
of lenses L; and L,, with the recording medium H
occurring in the rear focal plane of this lens system.
Adjustment of the system consistsin providing that the
object and reference beams (counter-beams), entering
the recording medium from opposite sides, would
intersect and interfere in thismedium. 1t is also desired
that the objective beam would be normal to the surface
of recording medium H.

Multiplexed recording can be performed by the fol-
lowing methods: (i) small shifts of the speckle refer-
ence beam in the recording plane achieved by rotating
plane-paralléel glass plate PSP positioned between lens
system and recording medium; (ii) shift of the record-
ing medium in two mutually perpendicular directions
in the recording plane or rotation of the medium in this
plane; and (iii) tranglation or rotation of diffuser. In our
experiments, the holograms were multiplexed by very
small shifts of the speckle pattern along the photosen-
sitive material surface, which was achieved by rotating
plane-parallel plate PSP through small angles.

First, we have determined the shift of the speckle
pattern of the reconstructing wave relative to the holo-
gram, for which the reconstructed image disappears.
For this purpose, a single hologram was recorded in the
photosensitive layer. Since the optical scheme
employed allowed us to concentrate the laser beam
onto a small area of the photosensitive material, the
exposure time varied from 3 s to 1.5 min at a laser
power of 16 mW. During the image reconstruction, the

TECHNICAL PHYSICS LETTERS  Vol. 26
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object beam was stopped by ashutter. The quality of the
restored image was good, although the noise level was
somewhat higher as compared to that during a rea
object observation. The experiment showed that the
restored image intensity became nonzero when the
speckle pattern was shifted by 6 pum.

We have studied multiplexed recording of the
speckle holograms of an object transparency, represent-
ing a matrix of randomly arranged emitting points
modeling a page of bit data. Taking into account that
the “zero-to-zero” step is 6 um, we have selected a step
of 10 pum, which corresponded in our scheme to the
angle of 1-cm-thick PSP plate rotation by 10 seconds of
arc. Shifting the speckle wave after every exposure by
10 um, we recorded 17 shifted speckle holograms in
the same volume of thick-layer bichromated gelatin.
The exposure time was gradually increased from 3 sfor
the first hologram to 90 s for the last one.

A comparison of this variant with the recording of
shifted speckle holograms by the axial scheme showed
a better signal-to-noise ratio and somewhat greater
number of recorded holograms in the case described
above. However, reliability of the multiply repeated
readout can be increased only by decreasing thickness
of the PSP plate so asto provide that the rotation angle
would be 30 minutes of arc. This increased the accu-
racy of matching of the positions of reference beam
speckle patterns during record and readout

Resolution in the images reconstructed with this
multiplexed hologram was sufficiently high, but the
noise of restored image markedly increased with the
number of multiplexed holograms. However, it was a
rather unexpected behavior of the photosensitive mate-
rial, rather than the increasing noise of restored images,
that limited the number of multiplexed holograms. The
experiment showed that the lifetime of multiplexed
holograms, even provided their limited number,
decreased to a few hours. This behavior of the multi-
plexed speckle holograms is rather unexpected, since
the lifetime of a single speckle hologram exceeded one
week.

Thus, the results of our experiments confirmed the
possibility of recording and multiplexing hologramsin
the counter-beam mode with speckle reference beam.
The multiplexed holograms recorded in a thick-layer
bichromated gelatin have a limited lifetime. Use of the
self-developing thick-layer bichromated gelatin
allowed the features of this multiplexing method to be
experimentally studied in areal time. It was also possi-
ble to change the exposure time, the PSP plate rotation
angle at which the restored image of preceding holo-
gram vanished, and other parameters immediately dur-
ing experiment.

Thiswork was supported by the Russian Foundation
for Basic Research, project no. 99-02-184831.
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Abstract—Caollision cascades developed at 300 K in aNi single crystal and in a system comprising a mono-
layer of Al atoms on the Ni(100) single crystal face bombarded at normal incidence by 25- and 50-eV Ar and
Xe atoms were simulated by method of molecular dynamics. It was found that the number of atoms relocated
through the Al-Ni interface markedly exceeds the number of analogous relocationsin the nickel single crystal.
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During the ion bombardment of a multicomponent
spatialy inhomogeneous system, the chemical interac-
tions determining mutual solubility of the system com-
ponents may affect the broadening of boundary regions
between components related to the bombardment-
induced collisional processes [1-3]. Simulation of
these processes by methods of molecular dynamics
allowsthe effect of chemical interactions on the reloca-
tion of atoms in collision cascades to be described in
terms of the interatomic potentials[4, 5].

In this work, we have ssimulated the collision cas-
cades induced in the target by the bombardment with
25- and 50-eV Ar and Xe atoms at normal incidence
onto the target surface. We have studied the room-tem-
perature (300 K) bombardment of two targets: (i) atwo-
component system comprising a monolayer of Al
atoms on the Ni(100) crystal surface and (ii) aNi single
crystal with the same surface orientation. The purpose
of this investigation was to assess the effect of inter-
atomic forces on the cascade rel ocations of atomsin the
Al-Ni system and compare the average numbers of
relocations at the AI-Ni interface and in the Ni single
crystal.

In the molecular dynamics stimulation, we have
employed an algorithm describing the interactions
between atoms in terms of a many-body potential [6]

matched at high energies with the ZBL potential [7].
The equations of motion of the particleswere solved by
the Verlet method [8].

A nickd single crystal was composed of 4032 atoms,
and the AI-Ni two-layer crystal contained 3944 atoms,
both systems comprising 14 atomic layers. In the
uppermost atomic layer of the AI-Ni crystal, two rows
of Al atoms were missing from the perimeter of the
sample; these atoms were excluded in order to avoid
nonphysical surface distortions caused by a difference
of theiattice constants of aluminum (4.05 A) and nickel
(3.52 A) [9, 10]. Aluminum atoms in this surface layer
repeated the lattice order of the Ni(100) substrate. The
ambient temperature was simulated by immersing the
target into a medium with preset temperature [11]. The
initial coordinates of ions falling within a given ele-
mentary region of the target surface [12] were calcu-
lated based on the law of random numbers. All simula-
tions involved 200 cascades. Each cascade was fol-
lowed in theinitial crystal during 4 ps.

As seen from Tables 1 and 2, the numbers of atoms
relocated from the uppermost surfacelayer (Al) into the
substrate (Ni) and vice versa in the AI-Ni two-layer
crystal bombarded by 50-eV Ar atoms were greater by
the factors 2.5 and 3.2 than the numbers of analogous
relocations in the Ni single crystal. The proportion of

Table 1. The numbers of adatoms, exchange transitions between 1st and 2nd layers, and relocations from the 1st layer into

bulk in the Ni crystal

Ni Adatoms 1—2 1— bulk 1 <— bulk
Ar 50 eV 0.52 0.31 0.46 0.34
25eV 0.125 0.13 0.13 0.13
Xe 50 eV 0.48 0.32 0.56 0.33
25eV 0.255 0.26 0.26 0.27
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Table 2. The numbers of adatoms, exchange transitions between 1st and 2nd layers, and relocations from the 1st layer into

bulk in the AI-Ni two-layer crystal

Al/Ni Adatoms 1—2 1 — bulk 1<— hulk
Ar 50 eV 2.195 0.955 1.145 1.085
25¢eV 0.95 0.295 0.295 0.295
Xe 50 eV 291 1.29 151 15
25¢eV 0.95 0.495 0.505 0.515

relocations from the first atomic layer into bulk, com-
pensated by the chains of substitutions resulting in the
reverse relocation of atoms from bulk to the uppermost
surface layer (including direct exchange between the
first and second layers) were 74 and 95%, respectively
(the direct exchange between thefirst and second layers
accounting for 67 and 83% with respect to the tota
number of transitions from the first layer into bulk). In
the system bombarded by 50-eV Xe ions, the numbers
of Al atoms relocated from the uppermost surface layer
into the substrate (Ni) and vice versain the AI-Ni two-
layer crystal weregreater by thefactors2.7 and 4.5 than
in the Ni single crystal. The proportion of atoms relo-
cated from the first atomic layer into bulk as aresult of
compensated transitions in the AI-Ni and Ni crystals
was 98 and 60%, including 85 and 57% of direct
exchange transitions between the first and second lay-
ers, respectively.

The number of relocations between first and second
layersin the Ni single crystal bombarded by 25-eV Xe
ions was two times that in the case of bombardment by
Ar ions of the same energy, the proportion of direct
exchange being 96 and 100%, respectively. In the
Al-Ni two-layer system, Ar ions of this energy also
induced only exchange transitions of atoms between
the first and second layer, the number of which was
more two times that in the Ni single crystal. Bombard-
ment of this system by Xe ions produced, besides
exchange transitions between the Al monolayer and Ni
substrate (the number of which was twice that for the
Ni bombarded by Xe ions or the Al-Ni system bom-
barded by Ar ions), about ~0.05 relocations per ion in
the substrate.

For 50-eV ions of both types (Ar and Xe), atoms
from 3rd to 6th layers of the Al-Ni system more fre-
guently (by afactor of 3.7—4.0) exhibited rel ocations of
Ni atoms toward the surface than did atoms of the same
layers in the Ni single crystal. This large difference in
the number of reverse transitions of atoms inside the
crystals of two typesis explained by alarge number of
non-exchange near-surface relocations in the Al-Ni
system that leads eventually to relocations toward

deeper layers.

During the bombardment by 50-eV Ar ions, the
number of atoms emerged at the crystal surface (ada-
toms) in the AI-Ni two-layer system was 4.3 times that
inthe Ni crystal, while the bombardment by 25-eV ions

TECHNICAL PHYSICS LETTERS Vol. 26 No. 5

2000

increased thisratio to 7.5. For Xeionswith the energies
50 and 25 eV, the number of adatoms formed in the
Al-Ni system was aso greater than that in Ni by the
factors 6.0 and 3.7, respectively. Note that the number
of adatoms emerged at the surface from the second
layer under the 50-eV bombardment never exceeded
5% of their total amount, and no adatoms came from
the second atomic layer under the action of bombard-
ment at 25 eV. The greater number of adatoms on the
Al-Ni surface is explained primarily by the relatively
low binding energy of the surfacer Al atoms. Indeed,
the difference of potential energies between the idea
Al-Ni crysta and the same crystal with one surface
atommissingis(at 0 K without allowancefor thelattice
relaxation) 3.9 eV, while the same difference in the Ni
crystal is5.2 eV [6, 9]. A large role of the surface bind-
ing energies is also confirmed by the fact that a model
sputtering coefficient for the AI-Ni system bombarded
by 50-eV Ar ionsis 0.06 atom/ion, while the Ni crystal
isnot sputtered at all. The bombardment by Xeionsled
to sputtering in one of the cases studied.

In all systems under consideration, backscattered
ions carried away about 10% of the incident energy for
the primary ion energy 50 eV and about 20% of the
energy, for 25 eV (except for the case of Ni crysta
bombarded by Ar ions, where the fractions of lost
energy were about 20 and 40%, respectively). The
bombarding ions did not penetrate into the target crys-
tals below the first atomic layer, except for the case of
50-eV Xeions, which lost on the average about 8.5 eV
in the second layer. Thus, a difference in the distribu-
tion of eastic ion energy losses in AI-Ni and Ni crys-
tals may only insignificantly (e.g., in Ni bombarded by
Ar ions) affect the resulting difference in the number of
relocations. On the other hand, modeling of the AlI-Ni
system at 0 K (details of this process fall outside the
scope of this paper) showed that mutual exchangein a
single air of Al and Ni atoms in the first two layers
decreases the potential energy of the two-layer Al-Ni
system by 0.6 eV [9]. This result qualitatively agrees
with a negative value of the enthalpy of mixing in the
AINi system [2].

Therefore, the process of bombardment-stimulated
exchange and mutually compensated relocations of Al
and Ni atoms between the first and second atomic lay-
ersin the AI-Ni system is energetically favorable. This
accounted for the total increase in the number of relo-
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cations from the uppermost Al layer to substrate bulk
and in the reverse direction. For the bombarding ion
energy 50 eV, the exchange and compensated reloca-
tions account for a greater proportion of the total num-
ber of relocations from the uppermost layer into sub-
stratein the Al-Ni two-layer system than inthe Ni crys-
tal, which qualitatively agrees with the results of
modeling in a Ni-Au two-layer system [13].

Under the conditions studied in this work, Xe ions
generate more adatoms and induce a greater number of
relocations in both Ni and Al-Ni crystals than do Ar
ions. Thisiscaused to aconsiderable extent by agreater
damage of the crystal lattice produced by Xeionsinthe
initial stage of the cascade process, which results in a
local tempora (~0.5 ps) decrease in potential barriers
for the atoms migrating in the collision cascades.
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Abstract—The surface morphology of gold samples in a scanning tunneling microscope was modified using
points of various materials. The results indicate that a threshold level of the modifying voltage pul ses depends
on the physicochemical properties of the point material. This relationship can be explained within the frame-
work of a modification mechanism involving the point—surface contact formation due to the thermal expansion

of the point. © 2000 MAIK “ Nauka/Interperiodica” .

The phenomenon of surface modification on the
nanometer or atomic scale in a scanning tunneling
microscope opens new ways in nanolithography [1].
The most attractive possibilities, from the standpoint of
reliability simplicity of realization, are offered by the
surface modification under the action of electric field
(voltage pulses applied to the point—surface system).
Several mechanisms were suggested previously in
order to explain processes involved in the surface mod-
ification, including heating of the sample surface [2],
field evaporation [3], field-induced diffusion [4], stim-
ulated chemical reactions [5], etc. However, not one of
these models could adequately explain the course of the
surface modification.

In our opinion, the most redlistic and adequate isthe
mechanism based on the mechanical contact formation
between point and sample surface as aresult of thermal
expansion of the point [6-8]. This mechanism implies
that voltage pul ses applied to the system lead to heating
of the point by high-density current, which results in
thermal expansion of the point and the formation of
electric contact between point and sample.

It was demonstrated [6] that the initial stage of the
pulse action (with the voltage polarity corresponding to
electron emission from the point) is characterized by a
change in the tunneling distance AZ, which can be

described by the relationship
2z = K here K = & (1)
e pc

where| isthe current density; €, isthe energy liberated
on the emitter due to the Nottingham effect; t is the
time; eisthe electron charge; and c, p, a arethe specific
heat, density, and linear thermal expansion coefficient
of the point material, respectively. This relationship
implies that elongation of the point depends on a com-
bination of the physicochemical constants of the point

material. In connection with this, the purpose of our
experiments was to study the features of surface modi-
fication by voltage pulses applied using points made of
various materials.

The experiments were conducted at room tempera-
ture in air using a scanning tunneling microscope of
usual design [6] operated in adc current mode. The sta-
bilization current was 1 nA for a bias voltage between
point and sample having a magnitude of 0.1V and the
polarity corresponding to electron emission from the
point. The surface of a~1 um-thick gold film used as
the sample represented a vacuum-deposited replica of
the KBr crystal cleavage surface prepared in a vacuum
of 107 Torr.

The points were prepared from wires of various
metals by electrochemical etching at an alternating
voltage of 6V in acorresponding etchant: tungsten (ini-
tial diameter 0.14 mm, 4% NaOH solution), nichrome
(0.14 mm, 20% H4PO,), constantan (0.20 mm, 20%
H;PO,), copper (0.16 mm, concentrated H;PO,), and
silver (0.35 mm, 25% H,SO,).

The process of Au surface modification consisted in
applying single electric pul ses of rectangular shape and
aduration of 10 psviaapoint scanning over the sample
surface. The pulse amplitude could be varied within
0-6 V. All experiments were performed in the same
setup, which excluded differential effects related to
variable parameters of the electronic circuit [9].

Application of the single rectangular voltage pulses
to the gold surface resulted in the formation of nano-
structures in the form of hills with a typical radius of
20-30 nm and a height of 1-3 nm.

The process of nanostructural surface modification
has a stochastic character, with the probability of hill
formation P (which is a function of the applied pulsed
voltage amplitude U) determined as aratio of the num-
ber of pulses resulting in the surface modification to the
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Fig. 1. Plots of the probability P of nanostructure formation
on the gold surface versus the applied pul sed voltage ampli-
tude U for the points made of various materials. (1) silver;
(2) copper; (3) constantan; (4) nichrome; (5) tungsten.
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Fig. 2. Plot of the threshold pulse amplitude for the nano-
structure formation on the gold surface versus the coeffi-

cient K = lc for the points made of various metals and

dloys (I, nichrome; 11, constantan).

total number of applied pulses. For each of the point
materials studied, this probability exhibited athreshold
character.

Figure 1 shows the plots of the probability of hill
formation P versus the applied pulsed voltage ampli-
tude U for the points made of various materials. Each
experimental point in the P(U) curves represents the
result of averaging over 25-30 independent measure-
ments. As seen, the probability P sharply increases
when the pulse amplitude exceeds certain level and rap-
idly reaches saturation as the voltage grows further
(within a few tenths of volt). The pulse amplitude cor-

TECHNICAL PHYSICS LETTERS  Vol. 26
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responding to attaining the probability saturation was
taken as the threshold voltage U;.

As seen from the data presented in Fig. 1, a change
of the point material strongly affects the threshold volt-
age corresponding to 100% probability of the surface
modification. It was established that the U, value varies
linearly with the parameter K = a/pc' characterizing the
point material (Fig. 2).

A relationship between the point material character-
istics and the threshold voltage for the surface modifi-
cation can be adequately explained within the frame-
work of amodel based on the thermal expansion mech-
anism. Indeed, it is the material and its properties that
determine thermal expansion of the point heated with
pulsed current passing upon voltage application to the
point—surface contact. Therefore, the voltage-induced
modification of the surface in contact with the points
made of various materialsis naturally characterized by
different threshold pulse amplitudes. The smaller the K
value, the lower pulse voltage is sufficient to heat the
point tip and form the point—surface contact.

Thus, the above relationship between K and U, can
be considered as additional evidence for validity of the
surface modification mechanism based on the concept
of contact formation between the point and sample sur-
face asaresult of thermal expansion of the point caused
by its heating with the current passing in the point—
sample circuit [6-8].
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Abstract—A method is proposed that permits accurate and reliable measurement of the train-average pulse
duration aswell asthe value and sign of the frequency chirp of picosecond optical pulsesin high-repetition-rate

trains. © 2000 MAIK “ Nauka/Interperiodica” .

In investigations of the evolution of optical solitons
in active and passive waveguide structures, a simple
method is frequently required for the measurement of
current time—frequency parameters of low-power pico-
second and subpicosecond optical pulses travelling in
high-repetition-rate trains. Most widely used is a
method based on the formation of atrain-average auto-
correlation function of the field strength, which is cou-
pled through the Fourier transform with the spectral
power density. From the recorded power spectral den-
Sity, one can determine an average width of the radia-
tion spectrum. However, in this case, information on
the average field phase is lost and it is impossible to
determine the time variation of the field amplitude A(t).
Exact determination of the train-average pulse duration
from the width of the radiation spectrum is only possi-
ble when the shape of the pulse envelope is known a
priori and, in addition, the pul se spectrumislimited [1].
An approximated estimate of the pulse duration is also
correct [2-4] if thefrequency chirpissufficiently small.
In the general case, it is necessary either to passto deter-
mination of the function autocorrelation intensity [5] or
the cross-correlation functions [6, 7], or to take special
measures to obtain information on the field phase,
which often require the application of complicated
experimental facilities or special computer agorithms
[8-10]. The purpose of thiswork isto demonstrate pos-
sibilities of providing experimental conditions, under
which the train-average autocorrelation function of the
field strength can serve as a source of exact and reliable
information on the average values of both duration and
frequency chirp of low-power optical pulses travelling
in high-repetition-rate trains.

We proceed from the assumption that all pulsesin
the train are identical and the pulse envelope F(t) and
the character of its frequency modulation are known:

bt2
At) = AOF(t)expB—'-i—zE, (1)
T

where A, T, and b are the amplitude, duration, and fre-

quency chirp of the pulse; A, = +/P; and P isthe pulse
peak power. These assumptions are not specific for the
proposed method and are typical of most of the other
measurement methods [5, 8]. For a Gaussian envelope,
the relationships between the train-average pulse
parameters T and b and the autocorrelation function
with T measured on a level of exp(—0.5) = 0.606 are
given by

2 2
t 1+b
F(t) = exp%—;%, T=T 5 )

Usually, the real-time autocorrelation function of
the field strength averaged over a train of optical
pulses is obtained with a scanning Michelson interfer-
ometer [1-4], which allows one to measure the value
of T. However, it follows from formula (2) that infor-
mation on the width T of the field strength autocorrela-
tion function is insufficient to determine the time—fre-
guency parameters of the train pulses. We propose to
perform two additional measurements of the autocorre-
lation function width T with the help of a scanning
Michelson interferometer. During the second and third
measurement, additional optical elements, changing
parameters T and b in a predetermined way but not
influencing the envelope F(t) of investigated pulses,
should be placed in front of the beam-splitting mirror.
The autocorrelation function widths T, (m = 1, 2)
obtained from the repeated measurements are coupled
with the new values of pulse duration T, and frequency
chirp by, through formula (2). Assume that t,, = a,Ty
and b,, = by + B,,,, where 14 and b, are the unknown val-
ues of parameters T and b and the quantities a,, and (3,
are determined by additional optical elements. Using
the above relationships, we can obtain two different
quadratic equations for the quantity b,. The corre-
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Fig. 1. Additional semiconductor optical element compris-
ing (1) zone of linear amplification controlled by the pump-
ing current J and (1) zone of fast absorption saturation.

sponding solutions are given by the formulas
by = (Gmem—1)
% [Bt o/ Cin(B + 2) = (G + )],

where g, = T¢Ty, and T, is the width of the field

strength autocorrelation function obtained without
additional optical elements. For m= 1 and 2, expres-
sions (3) give four b, values, of which two coincide
with each other and correspond to the true value of the
train-average frequency chirp of the pulses. The pro-
posed measurement method allows one to determine
not only the value, but the sign of the frequency chirp
aswell, which is often impossible even with the hel p of
substantially more complicated methods, such as,
for example, the method described in [9]. Once the

-1
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pulse frequency chirp b, is determined, one can use
formula (2) to calculate the pulse duration T by setting
T=Tyand b =hy.

For the additional controlled optical element, it is
recommended to use a device based on an InGaAsP
single-mode travelling-wave semiconductor laser het-
erostructure, which is similar to a saturable-absorber
laser [11] with clarified faces. The device comprises
two zones (Fig. 1). Zone | of the linear amplification
controlled by pumping current J,, hasthe length L; and
is characterized by the low-signal gain factor K4(J,,).
Zone |l of fast absorption saturation, created by the
deep implantation of oxygen ionsinto the output end of
the heterostructure, has the length L, and is character-
ized by the low-signal absorption coefficient Kk, and the
saturation power Pg. Zone | can modify the peak
power P, of pulses entering zone Il: P, =
Pexp[k,(JL1]. The peak power P,, determines, in its
turn, the values of parameters a,,, and 3, reflecting the
action of zone Il on the pulses. In this case, a,, =

(J2pP, + )2 and By, = —/22pP,,, where T = 5
(see[12]) is the absorption line broadening coefficient
and p = (2P«) KL, isthe absorption parameter which,
judging from datareported in [11], may be of the order
of p<1W

Such a device makesit possible to perform repeated
measurements without readjustment of the optical cir-
cuit and ensures additions up to (3, < 5.0 to the fre-
guency chirp. The shape of the pulse envelope at the
output of the additional semiconductor element is
retained with sufficient accuracy.

Figure 2 demonstrates variation of the autocorrela-
tion function after insertion of an additional electron-
controlled semiconductor optical element into the mea-
surement circuit. It shows calculated oscillograms of
the autocorrelation functions of Gaussian pulses

Fig. 2. Results of numerical simulation of the formation of an autocorrelation function in the scanning Michelson interferometer
(&) without and (b) with an additional optical element included in the measurement circuit.
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formed in a scanning Michelson interferometer
(@) without and (b) with inserted semiconductor ele-
ment (for the case of B,, = —2). Arrows mark alevel of
exp(—0.5) used to determine the T value. The numerical
simulation was performed for a signal-to-noise ratio of
10, which corresponds to typical experimental condi-
tions [2-4]. Data obtained from triply repeated mea-
surements of T allows us to determine the pulse dura-
tion in arange of 1-50 psand the pul se frequency chirp
in arange of 0—+10 with an account for the chirp sign.
The measurement accuracy is determined by the insta-
bility of radiation source and uncertainty of the scan-
ning circuit characteristics, as well as by errors arising
during the recording. The total measurement errors for
both the pulse duration and the frequency chirp do not
exceed 5%. In conclusion, we should note that this
method can also be used to measure the time—frequency
parameters of pulses with envelope of the type F(t) =

sech%t—g (where 15 isthe pulse duration measured on a
S

level of sech(1) = 0.65), which istypical of picosecond
optical solitons. Such an envelope can be well approx-
imated by the Gaussian function with the relationship
between durations 1, = 2V*15[13].

Thus, we demonstrated that the proposed method
allows one, using the autocorrelation function for the
field strength formed by the Michelson interferometer,
to perform an exact and reliable measurement of train-
average pulse duration as well as the value and sign of
the frequency chirp of picosecond optical pulsestravel-
ling in high-repetition-rate trains.
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Abstract—A simple method is proposed for determining positions of the fusion fronts in a conductor, which
can be implemented in the FET technology. © 2000 MAIK “ Nauka/Interperiodica” .

Ohmic contacts are among the major elements of
the field-effect transistors (FETs) determining their
noise and gain characteristics. The ohmic contacts of
high el ectron mobility transistors (HEMTs) exhibit cer-
tain distinguishing featuresin comparison with the con-
tacts of usual GaAs-based FETSs. In particular, the main
contact criterion in the GaAs-GaAlAs structures used
as abase of HEMTsis the depth of the fusion front rel-
ative to the dopant distribution profile.

The fusion front in HEMTs must reach the depth of
the two-dimensional gas localization [1, 2], which
makes determination of the fusion front position in a
semiconductor structure an important task. Solving this
task by direct methods is rather difficult and can be
reached only by the depth profiling using fine analytical
tools such asthe Auger electron spectroscopy (AES) or
secondary ion mass spectrometry (SIMS). Unfortu-
nately, these destructive methods are complicated,
labor-consuming, and require preparation of special
test samples.

The purpose of this work was to develop a compar-
atively simple method capable of monitoring the posi-
tion of ohmic contacts immediately during the techno-
logical process of FET heterostructure formation.

Heterostructures of the n*-GaAs, n*-GaAlAs,
n-GaAlAs, n-GaAs (i), and n-GaAs (ii) types with the
thicknesses 60 nm, 50 nm, 3 nm, 0.5 um, and 300 pm,
respectively, were grown by the molecular-beam epit-
axy (MBE) technique. The electron mobility in the two-
dimensional electron gas region was ~4000 cm?/(V ) at
300 K and increased to about 40000 cm?/(V s) at 77 K.
The control samples of the n*-GaAs, n-GaAs (i),
n-GaAs (ii), and n-GaAs (iii) typeswith the thicknesses
0.25, 0.25, 0.75, and 300 um, respectively, were grown
by the liquid-phase epitaxy (L PE) method. The samples
were prepared using conventional  technological
regimes (see, e.g., [3]). The sample heat treatment con-
ditions were as follows: fusion temperature 410°C,
fusion time 30 and 60 s (samples 1 and 2, respectively);
430°C and 25, 40, 25 s (samples 3-5, respectively).
Then, the samples were etched in a strongly diluted

ammoni a—peroxide solution, whereby the surface met-
allization layers served as masks. During this, semicon-
ductor was gradually (at astep of 1 s) removed from the
region between contactsA and B (in control samples, C
and D) and atotal resistance between the contacts was
measured in every step at room (300 K) and liquid-
nitrogen (77 K) temperatures.

Figure 1 shows experimental plots of the ratio of
resistances R(300 K)/R(77 K) versus the etching time.
Let us consider the behavior of thisratio. Asseen, resis-
tance of the control GaAs structure (sample 5) is virtu-
ally unchanged (a5-7% variationin theinitial state and
in the course of etching). Behavior of the heterostruc-
tures exhibits principal difference both from that of the
control sample and between each other.

Sample 1 shows arelatively small decease in resis-
tance upon removal of then*-GaAsand n*-GaAlAslay-

R(300 K)/R(77 K)
—v— Nel
—— N2

—e— Ne3

8_

—a— N4
| —o— N5

0L I I I I I I
0 1 2 3 4 5 61ts

Fig. 1. The experimental plots of the ratio of resistances
R(300 K)/R(77 K) versus the etching time for samples 1-5
(see the text for explanations).
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ers between contacts, from which we infer that the
fusion front in this sample did not reach the two-dimen-
sional electron gas region. A large seria resistance of
the n*-GaAlAs layer separating the fusion front from
the two-dimensional electron gas region masks a
decrease in resistance of the latter region upon cooling
from 300 to 77 K.

Sample 2 exhibits agreater change in the resistance,
which indicates that the fusion front penetrated deeper
into the sample but yet not reached the two—dimen-
sional electron gas region (the serial resistance of the
n*-GaAlAs layer islower than that in sample 1 and the
behavior of the electron gas is manifested to a greater
extent).

In sample 4, the maximum value of the ratio
R(300 K)/R(77 K) is somewhat greater than that in
sample 3 and corresponds by the order of magnitude to
the growth in the electron mobility in the two-dimen-
siona electron gas region upon cooling the structure
from 300 to 77 K. We believe that the fusion front in
samples 3 and 4 reached the two—dimensional electron
gas region. A kind of saturation observed in the
decrease of resistance on cooling apparently indicates
that the fusion front has reached the two— dimensional
electron gas region. Lying below this region are the
undoped buffer layer and a semiinsulating substrate
carrying negligibly small currents (as compared to
those in the n*-GaAs layer and the two—-dimensional
electron gas region).

In the initial state (prior to etching), samples 1-4
possessvirtually equal total resistances determined pri-
marily by contribution of the highly-doped n*-GaAs
layer. This layer, possessing a small resistance weakly
dependent on the temperature (see Fig. 1, the curve of
sample 5), shortens the two— dimensional electron gas
region even at 77 K. Asthe n*-GaAs layer is gradually
etched off, the two—dimensional electron gas behavior
(with atenfold increase in the carrier mobility and the
corresponding drop in resistance upon cooling from
300 to 77 K) becomes more pronounced. When the
n*-GaAs layer is completely removed and the
n*-GaAlAslayer (representing asource of electronsfor
the two—dimensional electron gas region) is involved,
the two—dimensional electron gas region exhibits
depletion leading to a sharp growth of the sampleresis-
tance both at 300 and 77 K. Finaly, the n*-GaAlAs
layer is also removed and the sample resistance varia-
tion is determined by the properties of undoped GaAs,
approaching behavior of the control sample 5.
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Fig. 2. Schematic diagram of the model of fusion front pen-
etration into a FET heterostructure for samples 1-4.

Note that, as the heat treatment regime becomes
more rigid, the maximum of the resistance ratio
R(300 K)/R(77 K) shifts on the left. This is probably
explained by increasing lateral diffusion in the heat
treated samples, which somewhat reduces the effective
gap width between metal contacts. Anaysis of the
curves presented in Fig. 1 allowed us to propose a
model describing the fusion front penetration into FET
heterostructures, which is schematically depicted in
Fig. 2.

Data of the AES depth profiling of the ohmic con-
tacts in the heterostructures studied showed that the
heat treatment at T = 410°C allows the fusion front to
reach a depth of 50-60 nm after 30 s and 80-90 nm
after 60 s. Therefore, the results obtained by our
method well agree with the data of fine analytical inves-
tigations. Thus, we have developed a comparatively
simple method for evaluation of the fusion front pene-
tration depth in the course of ohmic contact formation
in HEMTs. The proposed procedure does not involve
special test structures, requires comparatively short
time, and can be performed directly on asemiconductor
wafer employed in the technological process.
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Abstract—The optical absorption spectra of high-density (101%-10'° cm=3) sodium vapors were studied in a
broad spectral range (0.35-1.1 pm). The intensity of thermal radiation from sodium vapors was measured in
the 2-3 um wavelength interval. It is established that the effect of metal clusters can account neither for the
observed structure of absorption spectranor for theincreased intensity of emissionin the near-1R range reported
in some works (in particular, for the emission spectra of high-pressure gas-discharge sodium lamps). © 2000

MAIK “ Nauka/Interperiodica” .

The optical properties of alkali metal vapors are of
importance from the standpoint of various applications
and have been extensively studied. Nevertheless, there
are still many open questions concerning the origin and
structure of some regions in the absorption and emis-
sion spectra of these abjects, For example, there is a
long discussion about the nature of intense emission in
the near-IR range observed for the high-pressure gas-
discharge sodium lamps [1] widely used for illumina-
tion. Inefficient IR losses, which may account for up to
20-30% in the total energy balance of these sources,
were referred to as “mysterious’ [2]. Not one of the
existing theoretical models can provide for at least a
gualitative explanation of this phenomenon.

Intense IR emission was also observed in the spectra
of purely thermal radiation from the high-density
vapors of potassium [3] and sodium [4]. A theoretical
model developed in [4] for explanation of the far-IR
wings of D-linesin the spectra of sodium vapors, based
on the Boltzmann spectra distribution of the popula-
tion of resonance levels[4, 5] described the experimen-
tal results to within the order of magnitude. In contrast
to this, deviation of the conventional theory of the radi-
ation transfer [6] from experimental data in the region
of Aw ~ w reached 4-5 orders of magnitude (here Aw =
W — Wy isthe frequency deviation, and w and w, are the
current and resonance frequencies). However, the
model proposed in [4] was based on the assumption
that the line contour isrelated to quasi static broadening
due to the buffer gas, which is not as obvious in the
region of large frequency deviations. Thus, the question
concerning the origin of intense IR emission from high-
density vapors of akaline metalsis still open.

It was suggested [3] that this emission might be due
to the possible presence of metal clusters that can form
under nonequilibrium conditions in a stream of potas-

sium vapors [3], in a heated cell of the “thermal tube’
type [7] (also used for the obtaining of high-density
sodium vapors in [4]), and in high- pressure gas-dis-
charge sodium lamps. It should be noted that this point
isalso of interest from the standpoint of devel opment of
the cluster lamps [8] by offering possibility of creating
radiation sources with optimum and controlled spectral
characteristics.

The possible effect of metal clusters on the optical
characteristics of high-density sodium vapors can be
estimated by measuring the absorption spectra. Indeed,
sufficiently large (abeit still small compared to the
emission wavelength) sodium clusters must exhibit a
resonance absorption peak in the UV range (near
0.4 um) due to the surface plasmon excitation. In order
to verify the hypothesis concerning the cluster effect,
we have studied for the first time the optical absorption
spectraof high-density (10'-10° cm3) sodium vapors
in a broad spectral range (0.35-1.1 pm) and measured
the intensity of thermal radiation from sodium vapors
inthe IR (2—3 pm) wavelength interval.

The experiments were performed in a system com-
prising acylindrical cell of the“thermal tube” typewith
the active region length L = 15 cm and a set of special
equipment described in more detail elsewhere[4]. Prior
to the spectra measurements, the cell containing a
source of metal sodium was evacuated to aresidual vac-
uum of 107 Torr, filled with an inert gas (argon or
helium) to a pressure of 0.1-1 atm, and heated to a
required temperature. In order to determine the optical
absorption of metal vapors, the intensity of a signa |,
transmitted through the cell at room temperature was
also measured in each experiment. The absorption
coefficient was determined by the formula

K = —zgIn((1 =1,)/1y), )
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where | isthe intensity of radiation transmitted through
the cell with sodium vapors at agiven temperature, |, is
the intensity of intrinsic emission from sodium vapors
(in al experiments |, was negligibly small compared

tol), z& = (UT) [T (2)dz is the effective length of the

active zone determined with an alowance for the mea-
sured temperature profile in the cell, and T, is the tem-
perature at the center of the cell.

The results of the optical absorption measurements
are presented in Figs. 1 and 2. Figure 1 shows the opti-
cal absorption spectrum of sodium vapors measured in
therangefrom 0.35t0 1.1 pm for threevaluesof T.. As
is seen from these plots, the spectrum exhibits three
clearly pronounced regions of absorption. The first,
with acenter at A = 0.59 um, corresponds to absorption
dieto the resonance transition 3S-3P. The second band,
whichiscentered at 0.49 um, represents absorption pri-

marily due to the molecular transition xlz; B, in
the Na, dimer. The third region represents a broad
absorption band at 0.6-0.82 um, which corresponds to

the A'Z; —X"%; transition in the sodium dimer. In addi-

tion, thereis certain increase in absorption in the short-
wavelength region (A < 0.37 um), which is due to prox-
imity of the 3S4P atomic transition (A = 0.330 pum).
However, no distinct peaks that could be assigned to
absorption in the sodium clusters were observed in the
region of 0.4 pm, although we may still suggest that
this absorption is masked by the wings of strong
absorption bands indicated above.

The results of our measurements presented in
Figs. 1 and 2 aso show a significant absorption in the
region of 0.9-1.1 um where, according to the theoreti-
cal caculations [3, 10, 11] based on the potential
curves of Na, obtained in [12], no absorption bands of
molecular sodium are expected. The absorption at
0.9 um corresponds to a long-wavelength edge of the
absorption—emission band for a free-bound transition

a’s,—c’z, [3, 10, 11]. Note that the atomic absorption
lines of Na cannot be manifested in this region either
because of a negligibly small thermal population of the
resonance and higher levels in the absence of external
excitation.

Therefore, we have to conclude that the absorption
in the region of 0.9-1.1 um must be related to some
other factors, in particular, to the above-mentioned
absorption in sodium metal clusters. In order to esti-
mate this possibility at maximum, let us assume that,
despite the absence of clearly pronounced peaksin the
region of 0.4 um, al the absorption in thisregion isdue
to clusters. Then, we may estimate the value of this
coefficient for the near-IR range using formulas for the
spectral dependence of the absorption coefficient of
metal clusters [9]. According to this, the absorption
coefficient of a gas composed of spherical metal clus-
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Fig. 1. Experimental absorption spectra of sodium vapors
measured for various temperatures at the center of the cell
T. =903 (1), 806 (2), 709K (3).
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Fig. 2. The plot of absorption coefficient at A = 1.0 um ver-
sus temperature at the center of the cell: (1) experimental
data; (2) upper estimate calculated for clusters.

terswith aradiusr(r < A) can be determined from the
following expression

K = (18MQM\)ex((,+2)°+€2) ", (2

where Q = [(4/3) Tr3f(r)dr is the volume fraction of

clusters, f(r) is the function of cluster size distribution,
N = [ f(r) dr isthe number of clusters per unit volume,

€, and €, are the real and imaginary parts of the com-
plex permittivity of metal sodium (see[9]). Formula(2)
has a Lorentzian resonance character, with the value
€, = —2 determining the absorption peak position. Note
that, according to [13], for Q < 1, this formula ade-
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Fig. 3. The plot of integral intensity of emission from
sodium vaporsinthe IR range versustemperature at the cen-
ter of the cell: (1) experimental data; (2) theoretical calcula-
tion according to amodel proposed in [4, 5]; (3) upper esti-
mate calculated for clusters.

quately describes the absorption in silver clusters for a
broad spectral range up to the far-IR region.

Assuming the absorption coefficient at A = 0.4 pm
equal to the measured value (Fig. 1) and substituting
this into formula (2), we obtain an upper estimate for
the Q vaue, which varies from 6.6 x 100 (at T, =
709 K) to 6.1 x 1078 (T, = 1000 K). Using these values
of the maximum volume fraction of clusters, we may
obtain an upper estimate for the spectral dependence of
the absorption coefficient of sodium clusters and, in
particular, estimate the K value at a wavelength of
1.0 um fort various vapor temperatures. The results of
these calculations are presented by the curve in Fig. 2.
A comparison of the theory and experiment shows that,
under the assumptions adopted above, the absorptionin
clusters extrapolated to the near-IR spectral region is
negligibly small (two orders of magnitude lower) as
compared to the measured values. If the absorption
measured in the near-IR region were nevertheless
assigned to clusters, than analogous extrapolation of
the absorption coefficient to the UV region would yield
avalue two orders of magnitude greater than the exper-
imentally observed one. This would imply that the
metal vapor column must be absolutely nontransparent
in the wavelength gage studied.

Figure 3 presents experimental data on the integral
intensity J of emission from sodium vapors in the
wavelength region of 2-3 pum. In this spectra interval,
no direct measurements of the optical absorption were
possible under our experimental conditions. For this
reason, the experimental data were compared to the
extrapolated curve of the absorption coefficient of clus-
ters by recalculating K(A) to the emissive ability of
clusters E(A\) with the aid of Kirchhoff’s formula

E(A) = K(MFQ), ©)
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where F(A) = (c/418)(exp(hw/KT) — 1)~ is the Planck
emission intensity. For the comparison with experi-
ment, we have calculated the values

Ja = [(S)EM)AA, (4)

where S(A) is the known spectral characteristic of IR
detector and the integration is performed over the
detector sensitivity band.

The calculated emission characteristics J4 are also
depicted in Fig. 3. A comparison of theory with exper-
iment shows that, in the entire range of vapor tempera
tures, the calculated J, values are lower by several
orders of magnitude than the measured ones. Accord-
ingly, the extrapolated absorption coefficient is aso
lower by two orders of magnitude than the real absorp-
tion measured in sodium vapors. For the comparison,
Fig. 3 aso shows atheoretical curve of emission from
sodium vapors constructed using a model proposed
in[4,5].

Thus, the hypothesis that a considerable number of
metal clusters, corresponding to the description pro-
posed in [8, 9], may form in the thermal tube provides
no adequate interpretation of the experimental data on
the optical properties of high-density sodium vaporsin
the near-IR spectral range. Data available on the
absorption and emission of Na, molecules also cannot
explain features observed in the IR absorption and
emission spectra. As a result, the question concerning
the formation of absorption and emission spectra of
high-density sodium vapors in the near-IR range also
remain open. We may suggest that the spectral features
observed in our work, aswell asthosereportedin 3, 4],
can berelated to low-molecular sodium oligomers such
as Nag, Na,, etc. (this possibility was already men-
tioned in [14]), the absorption properties of which can-
not be described by a simple formula (2) applicable to
usual metal clusters. On the other hand, these features
can be related to a multiparticle shift of the resonance
line frequency, which would significantly modify the
resonance absorption line contour as compared to that
corresponding to asimple quasistatic model taking into
account only pair collisions within the framework of
the nearest-neighbor approximation. All these factors
require additional investigation.

Thiswork was supported by the Russian Foundation
for Basic Research, project no. 99-02-18176.
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Abstract—New high-temperature peaks of thermostimulated exoel ectron emission (TSEE) from uranium-acti-
vated LiF and NaF Crystalswere observed. TSEE parametersfor various (Li,Na)— (U+Me) systemswere deter-

mined. © 2000 MAIK “ Nauka/lInterperiodica” .

Uranium-activated lithium and sodium fluoride
(Li,Na)-U crystals belong to a class of unique poly-
functional materials [1-5]. Related coactivated compo-
sitions (Li,Na)-U(Me) (where Me = Cu, Zn, Ti, Pb, Sc,
Sr) were used for the creation of thermoluminescent,
scintillation, absorption, paramagnetic-resonance, and
thermoexoemission detectors of electromagnetic and
corpuscul ar radiations, working elementsfor color cen-
ter lasers, and the optical media for data recording and
storage [5]. Materias based on (Li,Na-U(Me) crys-
tals, developed for the thermoexoemission detectors
capable of operating at elevated temperatures, are also
of interest from the standpoint of high-temperature
dosimetry of ionizing radiations. There are specia
cases (e.g., radiation control in superdeep bore holes
and radioactive waste storages, where the temperature
may rise up to 200°C and above) in which thermoexoe-
mission detectors may be advantageous.

According to the results of previous investigations,
the high-temperature thermostimulated exoelectron
emission (TSEE) peaks were observed at 613 K
(340°C) in LiF-U(Me) and 663-673 K (390—400°C) in
NaF—U(Me) crystals[5]. However, our TSEE measure-
ments for the known and new compositions based on
LiF-U and NaF-U crystals with coactivators showed
evidence that TSEE peaks may exist at still higher tem-
peratures. Below, we report on the results of these
investigations.

Sample preparation. The experiments were per-
formed with LiFHU+Cu), LiF<U+Sr), NaF—U+Cu),
and NaF—U+Sr) crystals grown by the Kiropulos
method from a special-purity charge at the Institute of
Physics (National Academy of Sciences of Kirgizstan).
The content of activators in the charge was
0.01-0.1 mol %. The samples, cleaved from single-
crystal ingots, had the shape of 10 x 10-mm sguares
with athickness of 0.3-0.4 mm. Prior to measurements,
the plates were annealed for 10 min at T = 800 K.

Instrumentation. The TSEE measurements were
performed in avacuum of ~10~° Pausing an automated

exoemission spectrometer [6]. The samples were irra-
diated for 1 s with 1-keV electrons at a beam current
density of ~1 pA/cm? and then heated at a linear tem-
perature growth rate of ~20 K/s. The TSEE spectra
were measured and processed with the aid of a com-
puter using the PROCESS program [ 7]. Complex spec-
trawere separated into elementary bands upon smooth-
ening of the envelopes performed assuming the first-
order processkinetics. The TSEE activation energy was
calculated using halfwidths of the elementary emission
bands obtained upon decomposition of theinitial spec-
trum.

Results and discussion. The curve of TSEE from
LiF—~(0.01U+0.1Cu) measured in the temperature inter-
val 300-650 K (Fig. 1) shows a high yield of electron
emission at 320450 K. The activation energy of trap-
ping centers responsible for these emission peaks is
0.7-0.9 eV (seetable). A characteristic feature of TSEE
from the LiFHU+Cu) crystalsisthe high-intensity non-
overlapping emission at 543 K with the activation
energy E 01.17 eV. If only deep traps arefilled by high-

1, a.u.
3,

0
300

400 500 600 700 T,K

Fig. 1. Curves of thermostimulated exoelectron emission
from electron-irradiated LiF—<U+Cu) crystals.
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temperature irradiation (T = 450 K), the TSEE curves
exhibit additional peaksat 610 and 714 K and the onset
of apeak at T > 775 K (Fig. 1, dashed curve). A small
peak at ~573 K depicted in Fig. 1 isnot explicitly man-
ifested in the spectrum: this component was obtained
upon decomposition of the total spectrum into elemen-
tary bands.

The TSEE curves of LiF<0.01U+0.1Sc) display
four overlapping bands with activation energies within
0.7-1.0 eV. The dominating peak, observed at 332 K,
has E = 0.72 €V. No maximum was observed for this
crystal intheregion of 543 K (characteristic of the cop-
per-containing samples).

The samples of LiF<(U+Sr) aso exhibited high-
temperature TSEE peaks (see table), with anew feature
observed at 737 K. Figure 2a shows a typica TSEE
curve of the LiIF—HU+Sr) crystal. As seen from the data
presented in Figs. 1, 2 and the table, the character of
TSEE from the LiFHU+Meg) crystals depends on the
type of metal-coactivator.

For the NaF—(U+Sr) crystals, the main TSEE yield
is observed in the temperature interval 470-750 K
(Fig. 2b). In this system, a new peak was observed at
702 K. This emission takes place from traps with an
activation energy of 1.52 eV.

Anaysis of the results obtained in this work,
together with the data from [1], shows that the temper-
ature interval of active thermionic emission from LiF—
(U+Me) crystals coincides with that featuring thermal
decomposition of both simple F-electron color centers

and cluster color centers of the types F,, F,, and F;

(with the absorption bands at 440, 643, and 834 nm,
respectively. The temperature region corresponding to
the onset of maximum decreasein emission from the F,
centers (A = 440 nm, the most intense band for all the
cluster color centers) agrees with the main maximum
observed in the TSEE curves (363—400 K). The high-
temperature peaks of TSEE from LiFH(U+Me) are
apparently related to degradation of the F and F, color
centers (250 and 262 nm). Degradation of the electron
color centers can be explained by their recombination
with the hole centers (e.g., H-centers, representing
interstitial halogen atoms), which exhibit increased
thermal stability in the coactivated LiFH{U+Me) crys-
tals. Hole centers of other types may also participatein
degradation of the electron color centers.

For the crystals of NaF—U+Me), where dominating

cluster color centers are of the F§ type (A = 518 nm),
the observed thermoactivation processes can be related
to degradation of the F** and F centers. The crystal
samples studied in this work exhibited, in addition to
TSEE, a thermostimulated luminescence with the opti-
cal emission peaks observed at approximately the same
temperatures as the TSEE peaks. Finaly, it should be
noted that dependence of the TSEE peak intensity on
the irradiation dose (checked for the samplesirradiated
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Fig. 2. Curves of thermostimulated exoelectron emission
from electron-irradiated (a) LiFH(U+Sr) and (b) NaF—(U+Sr)
crystals.

with electron and X-ray beams) exhibits a linear por-
tion for doses up to ~10° Gy. This behavior indicated
that these crystals can be used in high-temperature ther-
moexoemission dosimeters intended for the radiation

Parameters of thermostimulated exoelectron emission from
LiFHU + Me) crystals

Crystal T, K | HAlfwidth, K| E, eV
LiF—(U+Cu) 363 44 0.78
399 40 0.86

421 28 0.91

543 36 1.17

573 28 1.19

610 80 1.32

714 100 1.54

LiF—(U+Sr) 327 48 0.71
377 68 0.81

431 64 0.93

477 52 1.03

517 52 1.12

623 36 1.34

699 28 151

737 68 1.59
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contral (e.g., in superdeep bore holes and radioactive 5. M. M. Kidibaev, Radiation-Stimulated Processes in (Li,

waste storages. Na) F-U, Me Crystals (ISBN 5-230-06574-5) (Issyk-
Kul Univ., Karakol; Ural. Univ., Ekaterinburg, 1999).
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Abstract—Subcritical behavior of a free surface of the ideal dielectric liquid in an external electric field has
been theoretically studied. A system of amplitude equations is obtained, which describe nonlinear interaction
of three standing waves forming a hexagonal structure. Within the framework of a model described by these
equations, asufficient integral criteriaare formulated for therigid instability excitation on the flat surface of the

liquid medium. © 2000 MAIK “ Nauka/lnterperiodica” .

Asisknown [1], aflat surface of aliquid dielectric
medium exposed to a normal electric field becomes
unstable if the electric field strength exceeds certain
critical value given by the formula

gr o BUEer D) oo
(e-1)

where g is the acceleration of gravity, a is the surface
tension coefficient, p isthe density of medium, and € is
the dielectric permittivity of the medium. For small val-

ues of the supercritical parameter d = (E2— Ec2 ) EC2 , the
system featuresincreasing perturbations with the wave-

numbers close to k, = ./gp/a . A nonlinear interaction
between standing waves with the wavevectors forming
angles multiple of 173 drives the system to a state pos-
sessing hexagonal surface structure [2, 3].

It should be noted that the formation of awavy sur-
face relief is also possible in the subcritical region of
field strengths (i.e., where d < 0), which is typical for
the rigid excitation regime. The purpose of this work
was to determine sufficient conditions for the rigid
instability development caused by three-wave pro-
cesses on the flat surface of aliquid dielectric medium.

Let us consider apotential motion of theideal dielec-
tric liquid, bounded by afree surfacez=n(x, y, t), in an
external electric field directed along the z axis. The
velocity potential of the liquid @ and the el ectric poten-
tials of the liquid ¢ and vacuum ¢' obey the Laplace
equations

A® =0, Ap =0, AP =0

Since the functions n(x, y, t) and W(x, y, t) = ®|,_ , are
canonically conjugated values [3, 4], the equations of
motion can be written in the Hamiltonian form

dg _ dH on _ 3H

ot~ on’ ot~ ayY’

where the Hamiltonian function
He (@3 (@) @)
I 2 8mp I 8rp

z<n zzn z<n
2
+[| G-+ 5@ ) -0 Jdr

coincides (to within a constant) with the total energy of
the system. The system of equations is closed by the
following boundary conditions

¢ — -Ez,
¢ — —Ez,
®—0,
¢ =9,
0 _ 00
on on’
where d/0,, denotes a derivative along the normal

Let us assume that the characteristic slope angles of
the surface |0J,| are small. Then, upon writing the
Hamiltonian in the form of a surface integral in terms
of the Green function and expanding the integrand into
series with respect to canonical variables n and g, we
obtain (to within higher powers of the small parameter)

Z—»OO,
Z*»—OO,
Z—»—OO,

Z=n,

Z=1n,

H = 3[lwky +gn’+ap (@ )dr

(+1) - (1)

2 3
== (T Hnikn —n@ )* + nlen)” o,

_8T[p8( e+ 1)2-[[

where k is the two-dimensional integral operator with
adifference nucleus, the Fourier image of which equals

the absolute value of the wavevector (kek) = |k |gk.
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L et us pass to the envelopes by substituting

3

ner.t) = %zAj(Xj,y,-,t)eXp(ikjr)+(c.c.),
j=1
3

W(r, 1) = 2e+1) zaA"();j;y"’t)exp(ikjr)+(c.c.),

3ko(e - 15
where the wavevectors k; ([k;| = ko) are rotated relative
to one another by the angle 2173 and the variables x; and
y; correspond to orthogonal coordinate systems with
the abscissa axes parallel to the wavevectors k;. This
representation of the functions n and Y corresponds to
hexagonal structure of perturbations on the surface.
Substituting these expressions for n and | into equa-
tion (1) and accomplishing averaging and scaling
according to

r t

1 t - ’
2k, 29k,

we obtain the following expression for the averaged
Hamiltonian:

2
H. 8g(e*1),
9%,(e—1)

f —

3
2 |~ 2 2
H = I[qujlt +|LA =8A %)
@
—A1A2A3—AI‘A§A§}d2r,

0 i 9°

Equations for the complex amplitudes A (j = 1, 2, 3)
corresponding to this Hamiltonian are as follows:

where [; = are differential operators.

AT AS A
— ©
ot A

These equations describe nonlinear interaction of
three standing waves. Let us establish conditions suffi-
cient for the infinite growth of amplitudes A; during a
finite time, in other words, for the collapse. To thisend,
consider a nonnegative quantity

3
X=3 X, X(t)= J'|Aj|2d2r.
ji=1

Using equations (3) and Hamiltonian (2), we obtain a
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relationship

3
X, +3H = —ax+ Y [IS|A[L+[EA 10T, @)
j=1

Sequentially using the integral inequality of Bounia-
kowsky and the algebraic Cauchy’s inequality, we
arrive at

3 3
> J’|Aj|fd2r =53 XEI(4X;) 2 X{1(4X).
=1 i=1

J

Taking into account that [|L; APd?r 2 0 and using rela-

tionship (4), we obtain the following differential ine-
quality:

X, + 3H = 5X7/(4X) — 8X. (5)

It should be noted that analogous inequalities arise in
deriving sufficient criteria for the collapse within the
framework of the nonlinear Klein—-Gordon equation [5],
various modifications of the Boussineck equation [6],
etc. (see[7] and references therein).

Upon introducing the function Y = XY4, we may
writeinequality (5) in the form of the second Newton's
law:

_0P(Y)

TS5y

. P(Y) = —é(avz +HY®), (6
where Y playstherole of a“particle” coordinate and P,
of the potentia energy. Let the “particle” velocity Y, be

negative (in which case X; > 0). Multiplying (6) by Y,,
we obtain

E(t) =0, E(t) = Y/2+P(Y),

which implies that the “particle’ gains energy during
motion. Apparently, a sufficient condition for the Y
value to turn zero (whereby X goesto infinity) during a
finite time is that the “article” would not encounter a
potentia barrier even for E; = 0, which corresponds to
equality in (6). Then, the collapse would take place
under the following conditions:

(i) For d<0and H > 0, if Y(ty) < |d[“4/(3H)¥* and
12E(ty) < |0]¥%(3H)Y?;

(i) For < 0and H > 0, if 12E(t,) > [3]*%(3H)Y?,

(iiiy Ford<0and H<(;

(iv) For 8= 0, if E(ty) >0,
where t = t, is the initia time instant. The first three
conditionsrefer to the case of subcritical external fields
E > E., whereby theflat dielectric liquid surface is sta-
ble to within a linear approximation. In this case, the
instability excitation has a rigid character. Note also

No. 5 2000
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Abstract—A probability distribution for the scintillations caused by electrons hitting a screen after diffraction
onawireiscalcul ated for the case when time-dependent vector potential isapplied in the path of electrontravel.
Negative experimental results are explained and proper conditions for future experiments are proposed using
the expression obtained. © 2000 MAIK “ Nauka/Interperiodica” .

Since the first publications on the magnetic and
electrical Aharonov—Bohm (AB) effects [1-3], consid-
erable theoretical and experimental effort was spent to
elucidatetheir nature[4, 5]. Although the original treat-
ment of these effects, based on the analysis of special
electromagnetic potentials, encountered certain objec-
tions [6], al experimental results obtained by now can
be explained using this theoretical model, and we
adhere to it in the present work too.

Basic experimental studies aimed at proving the
existence of the Aharonov—Bohm effect and at estab-
lishing its nature mainly dealt with the magnetic AB
effect and were performed using electron optics; it is
this case that we analyze below. In the course of those
studies, main experimental effort was devoted to mini-
mizing the scattered magnetic fields, which appear
upon creating the magnetic flux inside the electronic
loop in the path of electron travel. The highest ratio of
the magnetic fieldsinside theloop and in the path of the
electron propagation was obtained by Tonomura with
coworkers in the middle of 1980s. With these experi-
ments, the possibilities to investigate the nature of the
AB effect in the stationary regime were apparently
exhausted.

Since the beginning of the 1990s, the studies with
the nonstationary fields, including the fieldsin the opti-
ca frequency range, have drawn the attention of
researchers [7]. In the following, we restrict our study
to the harmonic component of time-dependent poten-
tials, and do not consider the static component, whose
influence is well known within the framework of the
model adopted.

Specifying the model, we follow the results
obtained in [7]. Assume that noninteracting electrons
are emitted sequentially from a point source and dif-
fracted on a metallic wire occurring under small posi-
tive potential (several volts). Electron scintillations can
be observed on a screen placed behind the wire and,
after sometime have elapsed, they form an interference
pattern shaped as bands parallel to the wire. According

to the wave theory, the interference pattern appears due
to superposition of the two partia electron waves that
propagate from the source to the screen on the opposite
sides of the wire, as though they travel through the two
wings of an interferometer. These partial waves pass
the regions where alternating electromagnetic field
potentials are present, the vector potentials in the two
wings at every instant being equal in magnitude and
directed from the source to the screen in the one wing
and from the screen to the source, in the other. The
interference pattern on the screen can be obtained by
replacing the real electron source by two imaginary
ones. Let us start from the Schrodinger equation

2 .
T g CIYNUIL P
ot 2m m
N 2 ®
1en .. e ,2
+%dIVA‘P+EnA Y+epW,

where A and ¢ are the vector and scalar potentials,
respectively, and eisthe electron charge (e< 0). The S|
units are used throughout this paper. To simplify the
calculation of the wavefunction, we choose the gauge
¢ = 0. We realize that in doing so we cannot consider
the ideal case, whereby electric field is absent in the
region where the electron waves propagate: it follows

from the relation E = —%—? —[$ that, once the vector

potential istime-dependent and ¢ = 0, the electric field
cannot vanish.

Using the results obtained in [ 7] we find that, under
these assumptions, the wavefunction can be expressed
as

WY(r,t)

t t
0O Qe 0 Oe o (2
DPODexpD-—f‘iip—hI(—A)dE+ expD——;iip—hIAdﬂ:D, @)
o O 5 0 0 5 1]
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where W, isthewavefunction in thevicinity of the elec-
tronsourceatt =0, v,, isthe phase velocity of the elec-
tron wave, and A = A,coswit is the vector potential pro-
jection on the direction of the classical el ectron motion.

With this equation, one can calculate the phases of
the partial de Broglie waves from two imaginary elec-
tron sources and theintensity of the interference fringes
on the screen, which is given by

exp{le;ph Adt +iw t}

0

| t 5 (©)
+ exp[le%‘-[(—A)dt +iwg(t + T)} ,

where w, is the electron wave angular frequency and t
isthe time delay between the arrival at a given point on
the screen of the two electrons emitted simultaneously
from the two imaginary sources: T Oxd/Lvy,, where L
is the distance from the source to the screen, x is the
coordinate of apoint on the screen (the coordinate axis
being oriented perpendicular to the interference
fringes), and d is the distance between the imaginary
electron sources. Equation (3) represents only the effect
of the vector potential, while the direct action of elec-
tric component of the electromagnetic field is not
accounted for: its influence on the interference pattern
isnegligible. Theti meaveraged value of | isgiven by

- T"E"MTJ' ot
(4)
10 2ev o, A evonAgsinwt U
- Z%ﬂ_+JO[ L }cosgne B0 = DrD

where J, isthe zeroth-order Bessel function. For Ay =0
we obtain

1(0) = %{1+cos(weed/vph)}, )

where 6 [ x/L is the diffraction angle. Thus, in the
absence of the vector potential we observe equal-
amplitude bands on the screen. One can see from (4)
that the spatial frequency of the bands increases when
the potential is applied. This means that the interfer-
ence peakswould exhibit narrowing, rather than widen-
ing predicted in [6]; thiswidening, however, isinsignif-
icant under the real experimental conditions.

Now, wewill analyze expression (4) in the presence of
the vector potentia, using two sets of the relevant physi-
ca parameters, namely (1) that considered in [7] and (2)
that corresponding to the experiment reported in[8].

(1) Electron acceleration voltage U = 10 kV, v, =

Vg = 3% 107 m/s, w,= 1.6 x 10¥rad/s,d=5%10°m

NI
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T 00d/vy, = 1.7 x 10730 s, w = 10 rad/s, and Ay =
1.7 x 10° (V s)/m. Substituting these values into (5)
and (4), we obtain

1(0) = —{ 1+ cos(3 x 10° )6}, (5%)

(4%)

Comparing (5*) and (4*), one can see that the differ-
enceistoo small and, in any case, do not correspond to
that predicted in [7].

(2) U=100kV, v, 010° m/s, w, = 1.6 x 10% rad/s,
d=10°m, 101030 s, w =3 x 10'® rad/s, and A, =

w,/Puyc/S, where P is the power of the laser radia-
tion focused in a spot of area S in the electron loop
plane and L, is the magnetic permeability of vacuum.
The optical power achieved in [8] corresponds to A [
2 x 107'° (V s)/m; substituting this value into (4) we

- %{ 1+ 30, 02]cos(L6 x 107 + 36}, i.e., in

this case the changes are also too small.

In order to find a situation where the effect of the
vector potential issignificant, let us consider an extreme
case, when this effect is so large that the interference pat-
tern totally disappears. This means that J, = 0, which
occurs when 2evphAO/hw 0 2.4. This can be achieved,
for example, with the following parameters. U =
100 kV, w =2 x 10* rad/s (A = 10 pm), S= 101" m?,
and P =24 mW.

Thus, the obtained expression for the averaged
intensity of the interference bands, given by (4),
enables us, within the framework of the model adopted
in this paper, to explain the experimental result reported
in[8] and to predict the possibility of observation of the
AB effect due to variable magnetic fields.

- %{ 1+ J,[0, 16] cos[3 x 10° + 14]6} .

obtain: |
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Abstract—L ow-frequency fluctuations of emission current from multipoint liquid-metal emitter power sup-
plied in various regimes were studied. Images of the emitter surface before and after work were obtained.
A change of the supply voltage amplitude for the transition from field emission to explosive emission regime

were estimated. © 2000 MAIK “ Nauka/Interperiodica” .

In the previous work [1], it was demonstrated that
amultipoint liquid-metal emitter in the form of aperfo-
rated Lavsan (Dacron) film lying on the surface of lig-
uid gallium may serve an effective source of electrons.
Taking into account good prospects of using these emit-
ters for the creation of large-area displays and other
devices, it is necessary to study the working parameters
of liquid-metal emitters such as noise, etc.

A multipoint liquid-metal emitter should be consid-
ered as an ensemble comprising a large number of iso-
lated emitters. During the emission event, each individ-
ual emitter has the form of a liquid—metal point, the
shape and size of the point are determined by the
dynamic equilibrium between the electric field force ad
the surface tension of the liquid metal. In contrast to a
solid point cathode, a change in the applied voltage
modifies both the value of current from the point and its
radius, which additionally affects the emission current.
Therefore, we may expect that the process of electron
emission from a multipoint liquid—metal emitter would
exhibit a higher instability was compared to the case of
solid point emitter.

In order to check for this hypothesis, we have
recorded the emission current with theaid of an LKD-4
recorder. Figure 1 showsthe time variation of the emis-
sion current measured in various regimes of power sup-
ply to the emitter. Different regimes of power supply
result, for an equal average emission current, in the dif-
ferent current loads and, hence, may lead to different
heating of emitters. In the case of liquid-metal emitters,
different power supply modes lead to additional differ-
ences in the conditions of liquid—metal point growth.
Figure 1 shows the plot of current measured with a
Faraday cup in the regimes of sinusoidal voltage (50 or
440 Hz) or dc voltage. The current collected at the Fara-
day amounted to ~10%. The average emitter current
was always about 40 pA.

As seen from Fig. 1, the character of current fluctu-
ations depends on the regime of power supply. Maxi-
mum fluctuations are observed for the dc voltage. Note

that, in addition to rapid fluctuations, the system fea-
tures comparatively slow deviations from the average
level (lasting 5-10 s), which are probably related to the
current redistribution between collector and Faraday
cup, caused by variation of the emission capacity of
various emitter areas (this effect ismost pronounced for
the dc voltage supply). Direct observations showed that
both sinusoidal and dc power supply isaccompanied by
weak luminescence of the emitter, which ismore stable
in the case of aternating voltage.

The short-time current instabilities were studied by
the method of analog-to-digital conversion at a discret-

440 Hz

50 Hz

1 ]
0 1 2
¢, min

Fig 1. Time variation of the emission current from the mul-
tipoint liquid-metal emitter power supplied in various
modes.
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ization frequency of 200 kHz and 40 MHz, with the
emitter power supply of the same types as above. An
analysis of data obtained at 40 MHz showed no fluctu-
ations. Fourier analysis of the datarecorded at 200 kHz
revealed the presence of a continuous spectrum of the
flicker noise, which began at a zero frequency and ter-
minated by a characteristic decay by thelaw 1/fY, where
f isthe noise frequency and y = 0.85.

In contrast to the case of dc voltage supply, the
oscilloscopic patterns recorded with the dc supply
reveal no sharp outbursts, so that the emission current
can beinterpreted as due to the field emission, without
explosive features. However, it is not excluded that a
smooth character of the observed current oscillograms
can result from addition of large number of microex-
plosions from various points not resolved in time by the
measuring instrumentation. This possibility requires
additional investigation. Note that the pattern observed
for the dc supply is somewhat analogous to the time
variation of current observed for a multipoint liquid—
metal emitter and carbon nanotubesin [2].

The assumption that operation of a multipoint lig-
uid-metal emitter involves simultaneous emission from
a large number of gallium points is confirmed by
micrographs obtained with a scanning electron micro-
scope (SEM) (see Figs. 2aand 2b). Figure 2a shows a
region of the emitter surface before operation. The
Lavsan membrane is lying on a liquid gallium layer,
clearly demonstrating 0.4-pum-diam pores not filled by
gallium. Figure 2b shows a micrograph of the emitter
surface upon long-term operation. The electric field has
pulled gallium out of the poresin a 10-pum-thick mem-
brane and formed a spherical surface on the end of each
point. We may suggest that, when the emitter is placed
into electricfield, the spherical formationswill giverise
to emitting points, with the shape and size determined,
as noted above, by equilibrium between the forces of
electric field and surface tension of liquid gallium. Note
that, in the case of sinusoidal supply voltage, the emit-
ting tips appear and disappear at afrequency of 50 and
440 cps, which implies that the liquid metal surface is
“breathing.” This may result in additional cleaning of
the emitter surface from contaminations (quite possible
under comparatively low vacuum of 6 x 10°-1.3 x
104 Pa). As seen from Fig. 2b, this emitter has a more
uniform structure as compared to the system of carbon
nanotubes. Note that liquid points, in contrast to the
nanotubes, are capable of self-restoration upon acci-
dental breakdowns and explosive emissions. The expe-
rience of emitter operation with sinusoidal supply
showed that the conditions of nonexplosive emission
are more readily selected in this mode, which is
explained by that the explosive regime cannot establish
during a halfperiod of the voltage oscillations.

Using the sinusoidal power supply, we may aso
provide conditions for the controlled passage from field
emission to explosive emission. Figure 3 shows (out of
scale) time variation of the emission current for asinu-
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soidal power supply at afrequency of 50 Hz. Here, the
explosive pulse of current appears on thefield-emission
pedestal when the sinusoidal voltage amplitude exceed
certain level. The further increase in the amplitude
leads to the appearance of the second pulse spaced by
several tens of microseconds from the first one.

With continued increase in the voltage amplitude,
the two pulses observed on the oscilloscope screen
approached one another to a minimum distance of
~25 pm. After that, the third explosive emission pulse
appeared and began to approach thefirst two, and so on.
Both duration and amplitude of the explosive emission
pulses may vary depending on the capacitance of the
cathode system, reaching in our case 40 ns (at half
height) and 40 A, respectively. Note that the interval of
voltage variation featuring the passage from oneregime
to another is ~0.02%.

In the course of investigation of the process of com-
bined emission, we have observed a phenomenon that
should be paid attention from the standpoint of both
thermal electron and ion emission. The effect consists
in the transfer of substance from emitter to collector: a
few explosions is enough for an ensemble of liquid
droplets (20400 A in diameter) to form on the collec-
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tor surface [3]. Provided that the supply voltage hasthe
corresponding polarity, this ensemble may also serve a
multipoint liquid-metal emitter, with the characteristics
comparable with those of the system with perforated
Lavsan film.

Thus, the results of our investigations showed that a
gallium-based multipoint liquid-metal emitter, in addi-
tion to other well-known advantages, provides large
pulsed emission currents with the noise characteristics
and stability better than those of the existing solid-state
emitters.

The work was supported by the Russian foundation
for Basic Research, project no. 98-02-18414.

REFERENCES

1. O. P Korovin, S. S. Karatetskii, E. O. Popov, and
V. N. Shrednik, Pisma Zh. Tekh. Fiz. 25, 39 (1999)
[Tech. Phys. Lett. 25, 310 (1999)].

2. Jean-Marc Bonard, Ultramicroscopy 73 (1-4), 7 (1998).
3. 1. S. Gasanov, Prikl. Fiz. 3, 108 (1999).

Trandated by P. Pozdeev

No. 5 2000



Technical Physics Letters, Vol. 26, No. 5, 2000, pp. 397-399. Trandated from Pis ma v Zhurnal Tekhnicheskor Fiziki, Vol. 26, No. 9, 2000, pp. 81-86.

Original Russian Text Copyright © 2000 by Drozdov, Vostrikov.

Structural Featuresand Energy of Small Water Clusters
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Abstract—The structures and energies of small water clusters (H,0),, with n < 10 were cal cul ated based on the
results of computer simulation using molecular dynamics method and a polarization model with nonadditive
potential. Structures with minimum energies are characterized by the cluster energy as function of the temper-
ature and by the heat capacity, binding energy, and molecular evaporation energy for various n. The most stable
structure isthat of aring-shaped (H,O)5 cluster with only one proton of each water molecule involved into the
hydrogen bond formation. © 2000 MAIK “ Nauka/Interperiodica” .

The methods of numerical experiment, which are
widely used in the physics of clusters[1], offer apossi-
bility of studying the kinetics of intracluster processes
on atime scale of the order of a period of intramolecu-
lar oscillations, thus providing important supplemen-
tary information to the data obtained by conventional
laboratory techniques such as the molecular-beam
experiments [2]. Water clusters offer an object of spe-
cia interest for these investigations, since water plays
very important role in various phenomena occurring in
nature. For example, it was recently reported [3, 4] that
collisions of thewater clusters and moleculeswith solid
surfaces are accompanied by the phenomenon of
charge generation and redistribution. Water clusters
actively participate in the ion-molecular processes in
the atmosphere and in various plasmachemical pro-
Cesses.

Among the models most frequently employed for
the calculation of water molecules, we can distinguish
two groups involving “rigid” [5] and “elastic” [6, 7]
molecules. The “rigid” models do not allow the intrac-
luster dissociation of H,O molecules upon the cluster
excitation to be studied. Since the final purpose of our
molecular dynamics (MD) calculations consists in the
investigation of the kinetics of polar H,O dissociation
in water clusters involved in cluster—cluster, cluster—
surface, and cluster—ion collisions, we have employed
a polarization model of Stillinger and Davis [7] with
the force calculation method developed in [8].

According to the model adopted, the H,O molecules
are composed of H* and O?~ ions, the O?~ ions possess-
ing polarization. The resulting H,O molecules have a
regular geometry (roy = 0.9584 A, 6,04 = 104.45°),
possess a dipole moment of 1.855 D, and are capabl e of
forming clusters at the expense of hydrogen bonds
formed between molecules. Thetotal potential of inter-
action between atoms comprises a sum of special pair-
wise interatomic potentials and a nonadditive polariza-
tion potential. It is important to note that the polariza-
tion model employed poses restrictions neither on the

atomic oscillations in H,O molecules nor on their abil-
ity to dissociate into ions, leading to a correct value of
the polar dissociation energy of H,O into H* and OH~
(16.9 eV). Unfortunately, complicated shape and non-
additivity of the interaction potentials markedly
increase the computation time, thus limiting the size of
calculated clusters. For this reason, the polarization
model described above was used only in a few works
(see, eg., [9, 10]). In particular, the structure of (H,0)g
clusters was calculated in [9] and collisions between

HsO, and H,O, ionswas simulated in [10].

In thiswork, all calculations were performed by the
classical MD method. The Newton equations of motion
for a system of particles were solved by the fourth-
order Runge—Kutta method at an integration step of
0.1 fs, without potential truncation and limitation of the
evaporation of molecules from clusters.

Water clusters with various structures (geometries),
corresponding to different local energy minimaU, were
obtained by the following procedure: randomly ori-
ented H,O moleculeswere arranged in a parallel epiped
and then the atomic velocities were sequentially
decreased so as to reduce the cluster temperatureto vir-
tualy zero (0 K).

Figure 1 shows the structures of clusters corre-
sponding to local energy minima (the corresponding U
valesarelisted inthetable). The clusterswithn= 6 are
illustrated by the structures corresponding to lowest U
values. Notethat the structureswith n = 2, 4, and 5 with
minimum U coincide with those obtained by other
researchers [11, 12]. Wales and Hodges employed a
“rigid” model according to Jorgensen [5], while Bel-
ford and Campbell [12] used a model with potentias
from [13]. For n = 3, the minimum U value in [11, 12]
corresponded to structure 4, while our calculations led
to structure 1. However, our U valuefor structure 1 only
dightly differs from that reported for structure 4
in[11]. Asfor the clusters of other dimensions, our U
vales are generally lower as compared to those indi-
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Fig. 1. Structures of water clusters corresponding to local potential energy minima.

cated for the global minimain [11]. Our valuefor n=6
coincides with that in [12], but both differ from the
value obtained in [11]. For n > 6, our structures do not

coincide with those presented in [11]. In particular,
our structure 1 for n = 8 has the energy lower than
structure 2 (corresponding to the global minimum

Local potential energy minima of water clusters with the structures depicted in Fig. 1

Strucmr; l?ezre and U x 10, eV Strucmr; l?ezre and U x 10, eV Strucrtﬂr?w l?ezre and U x 10, &V
n=2 7 -9.616 15 -10.99
-3.022 8 -9.344 16 -11.7
—2.705[11] n=>5 17 -13.05
n=3 1 -15.35 18 -11.97
1 -6.907 2 -11.92 19 -12.02
2 —-4.907 3 -11.97 n=6
3 -4.54 4 -10.03 —26.53
4 -4.573 5 -10.76 —20.51[11]
—7.257[11] 6 -20.26 n=7
5 -2.89 -15.77 [11] -31.09
n=4 7 -11.72 —25.25[11]
1 -11.075 8 -14.08 n=8
2 —8.496 9 -10.42 1 -35.47
3 -13.29 10 -16.14 2 -34.15
-12.09[11] 11 -15.44 -31.68[11]
4 —8.405 12 -13.11 n=10
5 -6.721 13 -11.84 -43.34
6 —7.604 14 -11.002 —-40.54[11]
TECHNICAL PHYSICS LETTERS Vol. 26 No.5 2000
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of U[9]). The discrepancies between our data and
those reported in [11, 12] can be explained by differ-
ences of the models used to describe the H,O mole-
cules.

We have calculated the values of energies U(T) in
the range from 0 K to the temperature of evaporation,
proceeding from the structures with minimum U values
at T=0K. Itwasfound that U(T) plots are well approx-
imated by straight lines. A similar temperature depen-
dence of U was obtained for n = 5 in [14] based on a
model taken from [6]. The maximum temperatures cor-
responding to detachment of the H,O molecules from
clusterswere as follows: 385 K (n=2), 417 K (n = 3),
420K (n=4), and 280K (for n=10). It should be noted
that the clusterswith n = 4 and 10 exhibited achangein
their structures at certain values of the temperature,
while the U(T) function remained linear. The (H,0),
cluster acquired a linear structure 1 at T = 170 K and
turned back to a rig structure 3 when the temperature
decreased. The structure of (H,0),, depicted in Fig. 1
transformed a T > 70 K into a ring containing nine
water molecules, with one H,O molecule “ squeezed”
outside the ring. Visual observation of the evaporation
event showed that the first molecule to leave the cluster
isthat in which no one proton isinvolved into hydrogen
bonds with other molecules.

Linearity of the U(T) function implies that the heat
capacity of clusters C = n=(dU/dT) is independent of
the temperature. Figure 2 (curve 1) shows the plot of C
versusn. Forn=10,C=7.6 x 10“eV/K, whichisclose
to the heat capacity of water at 298K (7.8 x 104 eV/K).

Also depicted in Fig. 2 are the specific binding
energy of molecules in the cluster e(n) = —U(n)/n
(curve 2) and the specific energy of molecule evapora
tion from the cluster h(n) = d(nU(n))/dn (curve 3),
which were calculated for the structures with minimum
U valuesin the table. The plot of h(n) exhibits a maxi-
mum at n = 5, which indicates that a five-member clus-
ter with the ring structure 6 is characterized by
increased stability with respect to detachment of a
water molecule. The plot of e(n) exhibits saturation for
n = 6, attaining a level of € = 0.43 eV/mol. The latter
value is close to the binding energy of H,O molecules
inthe solid state (~0.5 eV). Thisbehavior of the binding
energy qualitatively agrees with the results of ballistic
measurements in the beams of molecular clusters[15].

Our cdculations showed that water molecules,
owing to the hydrogen bonds, are capable of forming a
largevariety of structureswith markedly different bind-
ing energies and heat capacities. Most stable are the
ring-shaped clusters, in which the five-member ring
structure 6 is distinguished with only one proton
involved in the hydrogen bond formation. A changein
the structure of clusters is accompanied by ajumplike
variation of the cluster temperature, which may result
in achange of the parameters of water vapor under sig-
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Fig. 2. Plotsof (1) heat capacity C, (2) binding energy €, and
(3) specific energy of H,O molecule evaporation from the
cluster h versus cluster size n.

nificantly nonideal conditions, for example, near the
critical point.

The work was supported by the Russian Foundation
for Basic Research, projects nos. 98-02-17804 and
98-02-17845.

REFERENCES

1. A.A.Vostrikov et al., Z. Phys. D 40, 542 (1997).

2. A. A. Vostrikov, D. Yu. Dubov, and M. R. Predtechen-
skiy, Chem. Phys. Lett. 139, 124 (1987).

3. A. M. Zadorozhny, A. A. Vostrikov, et al., Geophys. Res.
Lett. 24, 841 (1997).

4. P.U. Andersson and J. B. C. Pettersson, J. Phys. Chem.
B 102, 7428 (1998).

5. W. L. Jorgensen, J. Chem. Phys. 77, 4156 (1982).

6. F. H. Stillinger and A. Rahman, J. Chem. Phys. 68, 666
(1978).

7. F.H. Stillinger and C. W. David, J. Chem. Phys. 69, 1473
(2978).

8. F. H. Stillinger, J. Chem. Phys. 71, 1647 (1979).

9. F H. Stillinger and C. W. David, J. Chem. Phys. 73, 3384
(1980).

10. T.A. Weber and F. H. Stillinger, J. Chem. Phys. 77, 4150
(1982).

11. D. J. Walesand M. P. Hodges, Chem. Phys. Lett. 286, 65
(1998).

12. D. Belford and E. S. Campbell, J. Chem. Phys. 86, 7013
(1987).

13. E. S. Campbell and M. Mezei, J. Chem. Phys. 67, 2338
(2977).

14. P.L. Moore Plummer and T. S. Chen, J. Chem. Phys. 86,
7149 (1987).

15. A. A. Vostrikov, Zh. Tekh. Fiz. 54, 327 (1984) [Sov.
Phys. Tech. Phys. 29, 191 (1984)].

Trandated by P. Pozdeev



Technical Physics Letters, Vol. 26, No. 5, 2000, pp. 400-402. Trandated from Pis' ma v Zhurnal Tekhnicheskor Fiziki, Vol. 26, No. 9, 2000, pp. 87-94.

Original Russian Text Copyright © 2000 by Kamanina, Aleksandrova, Kapor skii.

The Optical Attenuation of Laser Radiation
in Thin Fullerene C,—Polyimide Films.
Effect of Fullereneson the Transmission of Azide Films

N. V. Kamanina, E. L. Aleksandrova, and L. N. Kapor skii

Vavilov Optical Institute, Sate Scientific Center of the Russian Federation,
. Petersburg, 193171 Russia

Received December 21, 1999

Abstract—The phenomenon of optical attenuation of laser radiation in the visible spectral range was studied
in a promising photosensitive medium based on fullerene C,g—polyimide films. The effect of fullerenes on the
transmission of laser radiation in azide-based systemsis demonstrated. © 2000 MAIK “ Nauka/Interperiodica” .

Macromolecular media based on polyimides (PIs)
have been extensively investigated since the first publi-
cation [1] on their use as photoconducting materialsfor
the electrophotographic reproduction (Xerox). How-
ever, practical application of Plsin optics was limited
by poor solubility of these polymers in most organic
solvents, unless a new class of aromatic soluble poly-
imides was created [2, 3] possessing high intrinsic pho-
tosensitivity in the blue-violet and near-IR spectral
ranges. Polyimides of this class are widely used in the
systems of reversible optical data recording [4], phase
aberration correctors[5], and other devices of real-time
coherent-optical systems|[6, 7].

The unique optical and photoelectric properties of
water-soluble aromatic Pls are determined by the pos-
sibility of excitation of the Tr€electron systemsin these
polymers. Directed modification of the macromolecu-
lar chain structure and donor—acceptor interactions pro-
vides a means of controlling the electron properties of
PlIs, which increases the prospectsfor their application.

At present, an important direction in investigation of
the optical properties of macromolecular compounds,
including polyimides, isrelated to their possible use as
matrices for the introduction of fullerenes with a view
to creating effective optical attenuation of laser radia-
tion [8, 9]. Previously, we have established the exist-
ence of a bathochromic shift in the absorption spectra
of fullerene-containing Pls and studied dependence of
the level of optical attenuation on the content of a
fullerene mixture (87 wt % Cg, 13 wt % Cy) in the
composition [10, 11]. We have also determined the
absorption cross-section of the charge-transfer com-
plex formed by a triphenylamine (donor) fragment of
Pl and fullerene (acceptor) and found an absorption
peak at A = 1405 nm probably related to theintermolec-
ular complex formation in the same fullerene-contain-
ing Pl [12]. It should be noted that the presence of spec-
tral features in the long-wavelength spectral range

markedly expands the field of possible application of
the fullerene-containing Pls as nonlinear optical atten-
uators in the near-IR spectral range. The effect of
inverse absorption saturation and, hence, of the laser
radiation attenuation in the fullerene—dye—Pl system,
was recently explained within the framework of the
Forster model [13].

The purpose of this work was to study the optical
attenuation of laser radiation in thin C,—Pl films.
Below, we present comparative data on the transmis-
sion of fullerene-containing azide films and demon-
strate the effect of electron affinity of the acceptor frag-
ment on the photosensitivity and the quantum yield of
charge carrier production in these films.

Experimental. The Pl films with a thickness of
1.5-2 pum were prepared using 3- and 6.5-% solutions
of aphotosensitive polyimide 6B (PI-6B) in 1,1,2,2-tet-
rachloroethane. The composition was applied by a cen-
trifuging technique onto glass substrates carrying pre-
liminarily deposited conducting layers, which allowed
the samples to be used for the photosensitivity and con-
ductivity measurements. Since fullerenes are also well
solublein the solvent selected [14], the composite solu-
tions provide for the obtaining of homogeneous films,
in which transmission of a He-Ne laser beam with a
300-pum-diam spot varied within 5% over the whole
sample film area with a diameter of 35 mm. The high
homogeneity of samples was also confirmed by the
results of investigation in a CamScan SU-90FE elec-
tron microscope with a resolution of 20 A [15]. The
content of fullerene C,, in the films was varied within
0.2-0.5 wt %. In azide-based films, the content of
fullerene Cg, was 0.5 wt %. A nonphotosensitive poly-
imide of the 81A grade (PI-81A), transparent in thevis-
ible range and possessing good film-forming and glass-
adhesive properties, was used as the plasticizer compo-
nent. The azide—plasticizer ratio in al compositions
was5:1
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The experiments were performed using second har-
monic radiation of aYAG:Nd laser with a pulse duration
of 15 ns. The spot size on the samplewas 3-3.5 mm. The
incident laser radiation energy was controlled with the
aid of calibrated optical filters. The optical attenuation
of laser radiation in the fullerene-containing medium
was studied using a single-pass scheme analogous to
that described in [13]. The photosensitivity was studied
using an electrophotographic method described in [16].
The measurements were performed at a photon flux
density of 10™ cm s in the wavelength range 400—
900 nm.

Resultsand discussion. Figure 1 showsthe plots of
output radiation energy (E,;) versus the incident
energy (E;,) for four samples. Curve 1 presents trans-
mission of a Pl film prepared using a 3% Pl solution
without fullerene additive. Curves 2 and 3 correspond
to the same polymer containing 0.2 and 0.5 wt % of
fullerene C,, respectively. Finally, curve 4 refersto a
sample obtained using a 6.5% PI solution containing
0.5 wt % of C,. As seen from these data, all the
fullerene-contai ning systems studied exhibit the optical
attenuation manifested by the effect of inverse absorp-
tion saturation observed at a given beam power level
and in the spectral range indicated.

In the general case, the phenomenon of optical
attenuation in fullerene-containing systems is deter-
mined by generation of the excited states of fullerene
molecules with the absorption cross-section exceeding
that of the ground state [17-19]. In our experiment, the
laser pulse duration (~15 ns) was longer than the char-
acteristic time of fullerene transition from singlet to
triplet state (1.2 ns[19]), which accounted for the effect
realization by the T, — T, scheme. Calculations [12]
showed that the absorption cross-section of the excited
intermolecular complex in the fullerene-containing Pl
(fullerene triphenylamine fragment of PI) is 300 times
the value for the intramolecular complex with charge
transfer between donor and acceptor fragments of the
Pl matrix molecule. This circumstance naturally deter-
mines particularities of the effect of optical attenuation
in fullerene-containing Pl structures.

Inthe system of Pl sensitized by fullerene C,,, studied
in thiswork, the onset of a nonlinear transmission region
isobserved at 350-400 mJ, in contrast to 150 mJobserved
for Pl sensitized with aCg, + C, mixture[ 10, 11] (for the
same total fullerene content of 0.5 wt %). The attenua-
tion efficiency is also greater in the system containing
C,, done. It should be noted that the absorption
spectrum of Pl containing fullerene Cy, is shifted by
25-30 nm toward longer wavelengths as compared to
the spectrum of a sample containing the Cq, + C, mMix-
ture. This provides for more favorable conditions of an
overlap between the absorption spectrum of the C,—Pl
system and the luminescence spectrum of the Pl matrix
at alaser radiation wavel ength (532 nm) and, hence, for
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Fig. 2. Theplots of output radiation energy (Eg,) versusthe
incident energy (E;p,) for fullerene—PI systems based on var-
ious azides.

a more effective excitation energy transfer in the sys-
tem studied in thiswork.

Another important factor is the low ionization
potential of the triphenylamine Pl fragment and a
change in conformation of thisfragment upon the exci-
tation from neutral tetrahedral to ionized planar form.
This provides for the possibility of finding a paralel
plane arrangement, accounting for a more effective
overlap between the electron shells with C,, molecule
(having elongated shape of the ellipsoid of rotation)
than with Cgz, molecule (having virtually spherical
shape). Thelevel of optical attenuation of the laser radi-
ation (determined from curve 3 in Fig. 1) was about
4 Jcm? at a laser radiation energy of E;, ~ 500 mJ,
which indicates that the fullerene-containing Pls can
may serve as effective nonlinear optical attenuators of
laser radiation at sufficiently high incident laser beam
energy density.



402

Characteristics of fullerene-Pl films based on various azides
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]

Acceptor fragment —OCHg4 —NO, _I(I: _CH, Fullerene Cg
Electron affinity, eV -0.17 0.54 0.64 2.65
Photosensitivity, cm?/J 3x10°3 1.2x10°3 ~10*

Quantum yield of charge 0.07 0.02 <10
carrier photoproduction

Note: The values of electron affinity were taken for the azide fragments from [20] and for the fullerene from [18].

Figure 2 shows the plots of output radiation energy
(Eo) Vversus the input energy (E;,) for fullerene-con-
taining azide filmswith various el ectron affinities of the
intramolecular acceptor fragment of Pl. The values of
the electron affinity energy of acceptor fragmentsin the
azide compounds studied are given in the table. Note
that the azide-based filmsfree of fullerenestransmit the
laser radiation on the level of 5%. The introduction of
fullerene Cg, increases the transmission of all samples
up to 50-60%. This clarification effect is apparently
related to the excitation of both the individual fullerene
molecules and the complexes with charge transfer
between the donor azide fragment and fullerene (pos-
sessing a high acceptor ability with the el ectron affinity
greater than that of acceptor fragments in the azides
studied).

As seen from Fig. 2 and the table, the optical trans-
mission, photosensitivity, and quantum yield of charge
carrier photoproduction in fullerene-containing azide
films increase with decreasing electron affinity of the
acceptor fragment of azide matrix molecules. This
behavior apparently indicates that fullerenes, as most
active electron acceptors, replace the intramolecular
acceptor fragments of azides as aresult of the intramo-
lecular donor—acceptor interaction.

Thus, we have experimentally studied the phenom-
enon of optical attenuation of laser radiation in a
fullerene C,;—polyimide composition in comparison
with analogous Cg—Pl system. Comparative data on
the transmission characteristics of fullerene-containing
azide films have been obtained demonstrating that the
electron affinity of the acceptor fragment of the matrix
azide affects the efficiency of attenuation, the photo-
sensitivity, and the quantum yield of charge carrier pho-
toproduction.
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Abstract—A method for processing structural materials by pulsed bombardment with fission fragmentsin a
fuel solution reactor has been developed. The samples were irradiated with a particle fluence varied from 10
to 5 x 10% cm. The surface structure of ahighly oriented pyrolytic graphite upon these treatments was studied
by scanning tunneling microscopy (STM). The spectrum of surface defects and the surface roughness of irra-
diated samples were determined. © 2000 MAIK “ Nauka/Interperiodica” .

1. Introduction. Investigating the effects of neutron
irradiation on the structura materials, related to the
development of modern nuclear setups (fast neutron
reactors, thermonuclear reactors) requires using new,
effective and economic methods for modeling the
action of high-fluence neutron fluxes (10%°-10% cm).
Indeed, direct exposure of the samples in operating
reactors until accumulating a necessary fluence is a
time-consuming and expensive procedure. At present,
these fluences are usually modeled by irradiating the
samples with charged particles in various types of
accelerators.

In this work, we have developed arelatively simple
and cheap method based on the irradiation of structural
materials with fission products. While this method has
certain disadvantages (predominant irradiation of the
surface layers of samples, and some others), it offersan
obvious advantage of rapidly gaining a necessary level
of displacements per atom (dpa). In addition, study of
the effect of irradiation with fission products on the sur-
face state and properties of structural materials is of
considerable independent interest.

Below we report on thefirst results of our investiga-
tions of the effect of irradiation with fission productson
the surface structure of carbon-based materias. The
samples were studied by the method of scanning tun-
neling microscopy (STM) described in detail in [1-3].

2.1. Irradiation of samples. The samples of
highly-oriented pyrographite (HOPG) were irradiated
inafuel solution reactor (Institute of Technical Physics,
Snezhinsk) [4] equipped with a specially designed
source of fission products. Figure 1 shows a schematic
diagram of this source. A base element of the systemiis
the neutron to fission products converter (NFPC),
where aflux of thermal neutrons bombarding an active
target gives rise to fission events (n, f), with a typical

yield of two fission fragments per event having the
energies 99.8 and 68.4 MeV, the weights 96.08 and
139.92 amu, and the most probable charges Z, = 40 and
56 for the light and heavy fragments, respectively.
NFPC must ensure a high thermal, mechanical, and
radiation stability of operation, especialy in the pulsed
operation mode. Various NFPC designs were described
in [5]. The active target was made of uranium enriched
with 235U to 90%.

During operation of the setup, we have measured
fluences of the fission products, the yield of sputtered
uranium, and the sample and target temperatures. The
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Fig. 1. Schematic diagram of the fission fragment source
(FFS-1): (2) active reactor zone; (2) experimental channel;
(3) fast to slow neutron converter; (4) experimental ampule;
(5) sample; (6) neutron to fission product converter (NFPC);
(7) reactor vessel; (8) biological shield; (9) electric output
connector of monitoring transducers.
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D.687 33(X)

Fig. 2. A typica STM image of the HOPG surface upon irradiation with fission fragments; arrowsindicate (1) aregion of significant
degradation and (2) aregion into which no fission fragments did fall (illustration of the irradiation nonuniformity). Scanned area,

0.59 x 0.57 um; roughness height scatter, 40 nm.

2.4516(X)

0.0000(Y)

Fig. 3. An STM image of the HOPG surface upon irradiation with fission fragments; the formation of separate “hills’ is related to
the overlap of damaged areas produced by several incident fission fragments. Scanned area, 2.5 x 2.5 um; roughness height scatter,

132 nm.

particle fluences and uranium sputtering yields were
measured by Mdssbauer spectroscopy with the aid of
aluminum foil. The temperatures were measured using
achromel—copel thermocouple.

In apulsed irradiation mode, with an energy deposi-
tion of 57 MJ in the active reactor zone and a pulse
duration of 2.4 ms, the fluence of fission fragments on
the sample surface reached ~10'? cm at a particle flux
intensity of ~4 x 10 cm™ s%. The NFPC surface tem-
perature during irradiation was =250°C.

22. STM invegtigation of the sample surface
structure. The control (unirradiated) and exposed
HOPG sampleswereinvestigated in air using an original
STM setup. The surface of each sample was studied in

TECHNICAL PHYSICS LETTERS  Vol. 26

25 dites. Note that the sample preparation and handling
was markedly complicated by their radioactivity. The
average activity was about 850 pR/h at a 1 cm distance
from the samples. This circumstance al so explained spe-
cia scanning regimes selected so as to minimize the
effect of radiation on the STM scanner point.

3. Results and discussion. Analysis of the STM
images of the surface of graphite led usto a conclusion
that single interactions of the fission fragmentswith the
target surface cannot be observed in the samplesirradi-
ated to afluence of 5 x 10'* cm and above because of
overlap of the damaged areas. Thisis confirmed by an
estimate, according to which these fluences correspond
to a surface area of not greater than ~15 x 15 nm? per

No. 5 2000
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Fractal dimensions of the HOPG surface bombarded with various high-energy ions

405

Projectile D, D,
Unirradiated control 1.0003 + 0.0001 2.0003 + 0.0001
3-MeV protons at normal incidence 1.0013 + 0.0001 2.0012 + 0.0001
90-keV protons incident at 45° 1.0038 + 0.0010 1.0023 + 0.0009
90-keV protons at normal incidence 1.0265 + 0.0149 2.0176 + 0.0009
25-keV cesiumions 1.0071 + 0.0019 2.0059 + 0.0017
Laser-excited SiO, plasma 1.0079 = 0.0010 2.0072 + 0.0009
Fission products 1.0054 £ 0.0012 2.0058 + 0.0014

projectile. A fluence of 5 x 10 cm2 results in a com-
paratively uniform damage of the surface, with some
areas containing isolated hills (Figs. 2 and 3).

As mentioned above, several tens of surface images
were obtained for each sample. In order to evaluate the
surface roughness (i.e., the degree of surface develop-
ment), each image was characterized by the fractal
dimension [6]. Previously we have studied by STM
changesin the surface relief of HOPG samplesinduced
by ion bombardment (proton beams of various energies
incident at variable angles, high-energy heavy ions,
laser-excited plasma) [7, 8]. A possible mechanism
explaining the formation of “thermal” tracksin the bulk
and a periodic relief on the HOPG surface bombarded
with high-energy particles was proposed in [9]. Com-
parative data on the effect of radiations of varioustypes
on the surface relief are summarized in the table in
terms of the fractal dimensions calculated for the pro-
file (D,) and along the surface (D,). According to this
table, the fractal dimensions may vary widely, even for
the same sample. The large scatter can be explained by
the fact that the sample surface was scanned in various
sites, representing different structural cells (crystal-
lites) with various orientations, and, probably, by non-
uniform irradiation. Data presented in the table are
illustrated by Fig. 4.

d
1.030+

1.0257
1.020+
1.0157

1.010- |
1.0051 ﬂ || H H

1.000

1 2 3 4 5 6 7

Fig. 4. A histogram illustrating devel opment (fractal dimen-
sion d) of the surface of HOPG samples irradiated by vari-
ousions: (1) unirradiated control; (2) 3-MeV protonsat nor-
mal incidence; (3) 90-keV protons at 45°; (4) fission prod-
ucts; (5) 25-keV cesiumions; (6) laser-excited SiO, plasma;
(7) 90-keV protons at normal incidence.
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It should be emphasized that the above data present
arough relative pattern and are insufficient to select the
parameters of, e.g., proton irradiation, that are neces-
sary to provide for a developed surface of a particular
material. This work offers a methodological approach
that has to be further developed. The first task is to
reduce theirradiation fluence so asto study by STM the
results of single projectile-target surface interactions.
Another step, whichisalready in progress, isto use the
method of field-ion micrascopy to study the interaction
of individua fission fragments with carbon-based
materials, refractory metals, and their alloys.
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Abstract—High-power microwave generation with high-current electron acceleratorsis studied theoretically.
Output power limits are evaluated for most commonly used microwave devices, such as traveling-wave tubes,
klystrons, magnetrons, and vircators. © 2000 MAIK “ Nauka/Interperiodica” .

This paper addresses the problem of increasing the
output power of nanosecond-pulse microwave oscilla-
tors. As is known, they are now capable of generating
severa gigawatts or even tens of gigawatts [1]. We
present a comparative study of the output power limits
for relativistic microwave oscillators of different types
with regard to the parameters of a high-current electron
accelerator employed.

Asdemonstrated in [2], the maximum output power
of amicrowave oscillator can be expressed as

W, = 2no((y—1))\§2WA, (1)
where
ISNES
W, = 85GW, o =S —
EZS

The dimensionless coefficient a depends on the oscil-
lator type, the oscillation modes excited, and the shape
and position of the output coupling hole. In the case of
a cylindrical resonator where an Ey;; wave is excited,
we have

Wrad = (y - 1)WA ' (2)

which is valid for most suitable values of resonator
parameters and the fundamental mode.

The above formulas were derived under the assump-
tion that the motion of particlesin varying fields of fre-
guency w can be described with the potential U, =

Eo
ame’
tric field [3]. However, the conjectureis not universally
true.

Let us determine the output power limits for most
commonly used pulsed relativistic microwave oscilla-

where E; is the amplitude of the induced elec-

tors without resorting to approximations used to derive
the above expressionsin [2].

Recall that the power generated in a microwave
structure with impedance Z can be evaluated from

_ U, _ 250(y—1)°
W = ~ = Z GW, (3)
mcz( -1)
where U, = + is the external field potential

determined by the kinetic energy of the electron beam.
Since U, depends solely on the electron accelerator
parameters, formula (3) indicates that raising output
power necessitates reducing Z. Let us find expressions
for Z as applied to a traveling-wave tube, magnetron,
klystron, or vircator.

The time-averaged microwave power induced in a
cylindrical waveguideis

kk,a’

w= 22

ZoK 2

[J7(ka) — Jo(ka)Ix(ka) Eg,  (4)

where ais the radius of the beam opening in the slow-

out :
3 ,where L is

wave structure [4]. Assume that Ej =

the resonator length. For the traveling wave tube and
the klystron, (3) and (4) imply

_ Zorr’
Z = 2]‘[2%-[' SBpF(Ka)! (5)
K’a’
where F(ka) = By is the

[Jr(Ka) - Jo(Kka)Jp(ka)]
phase velocity of the wave, and Z, = 377 Q. The value
of F(ka) varieswithin the range 8-20. The lower bound
correspondsto 3, = 1 (traveling-wave tube); the higher
bound, to a smooth waveguide or resonator (klystron).
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Consider a traveling-wave tube. Its diaphragmatic
slow-wave guide has 3, = B,, which is close to 1 even

at amodest y. With IE_I =10, B, =1, and F(ka) = 8, we

therefore have

z = 15x10“}‘§ ©)

Note that W = 10(y — 1)> GW is attained at Z = 25 Q,
which is possible if )\—52 = 600.

Thus, the traveling-wave tube should have a short
waveguide and should operate by higher-order modes
s0 as to produce a high output power. The conclusion
agrees with experimental data.

The result for a klystron is more impressive. Using
strong currents allows us to take lg‘l ~ 0.25. Assuming
that B, J1.5 and F(ka) = 20, we obtain

)\2
Z = 36350, ©)

indicating that the samevalueZ = 25 Q isattained at )\—SZ

as small as 1.4. Thus, relativistic klystrons can offer a
fairly high output power when operating by the funda-
mental mode.

Now, look a a magnetron. Experiments indicate
that its impedance is approximately equal to 25 Q as
well. Thus, relativistic magnetrons with typical anode
dimensions can produce a high output power.

Finally, consider avircator. As demonstrated in [5],
its impedance can be determined from an expression
relating the current density j to the gap voltage U. For

TECHNICAL PHYSICS LETTERS Vol. 26 No. 5
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the diode of a high-current accelerator, we have

_8
me’ 1 (y=1)7cz Fl_g’. ®)
“9e 1d? / _1

Sincel =S weobtain

9d11

Assuming that f — 1, we arrive at
_9_d 1 d’
Z = 1620 SE = 250—= SQ (20

Thus, the same power W = 10(y —1)2 GW is produced
mizm

In fact, the vircator can give considerably higher
powers, since it may attain S> d?.

To summarize, this study covers different types of
relativistic microwave oscillator. The results enable one

to optimize oscillator parameters for maximum output
power.
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Abstract—The fabrication technology is developed for and characteristics are investigated of a GaAs Schot-
tky-barrier field-effect transistor (SBFET) with an effective gate length of 30 nm. The SBFET power gain cutoff
frequency is 150 GHz. The noise factor at 12—37 GHz is comparable with that of two-dimensional electron gas
transistors. The theoretical electron transit time under the gateisbelow 0.1 ps. © 2000 MAIK “ Nauka/ I nterpe-

riodica” .

It isknown [1] that gate length is among the design
parameters determining the frequency characteristics
of Schottky-barrier field-effect transistors (SBFET).
Modern lithographic installations do not provide a reli-
able resolution of better than 0.1 um. Kohn [2] sug-
gested using optical lithography to fabricate a SBFET
channel in the form of aV-shaped groove, which, for a
gate metalization length of 2 um, brings the device
characteristics closer to those of a SBFET with submi-
cron gate.

In this work, the V-groove technique was imple-
mented for the first time with the electron lithography.
We used traditional n*——n—-GaAs structures obtained
by the vapor-phase epitaxy, having a typical transient
region length of about 0.15 um between the channel
and the buffer layer. Anisotropic etching in the
NH,OH-H,0,—H,0 1: 0.5: 25 etchant makes it possi-
ble to fabricate aV-shaped groovein the active layer of
the GaAs structure. This, in combination with the self-
alignment method [3] used for evaporation of the gate
metallization, permitted us to obtain an effective gate
length below 30 nm (Fig. 1). The accuracy of orienta-
tion of the fabricated device topology relative to crys-
tallographic directions of the initial semiconductor
wafer was +3°-5°. The sampleswere prepared using an
EL P-13 electron-beam resist, an 0.35-um-thick layer of
which was applied and then dried for 30 min at 170°C.
The exposure was performed on a ZBA-21 electron-
beam system with an electron beam diameter of
0.1 um. A mixture of methyl ethyl ketone and isopropyl
alcohol was used for devel opment.

The transistor low-frequency characteristics were
measured on an L2-56 characteristic tracer, and the
high-frequency characteristics were measured using
the R2-67, R2-65, and R2-69 panoramic meters (at 12,
37, and 60 GHz, respectively). The SBFET dynamic
characteristics were measured with the help of preci-
sion probe heads used for nondestructive monitoring of
the gain and noise factors directly on the crystals. From
the available set of transistors with different gate
lengths, we selected devices with optimum parameters

for each frequency band: 200 um (with gate-source
input capacitance C = 0.15 pF) for 12 GHz, 100 um
(with C = 0.08 pF) for 37 GHz, and 50 pm (with C =
0.05 pF) for 60 GHz.

The device current-voltage characteristic has atra-
ditional form. The transistor saturation current is about
7 mA (for a gate length of 50 um). The transconduc-
tance exceeds 400 mS/mm. Experimental frequency
characteristics of maximum gain, minimum noise fac-
tor, and the corresponding optimum gain are presented
in Fig. 2. Thetheoretically estimated power gain cutoff
frequency is about 150 GHz.

Theoretical calculations performed in the relaxation
time approximation [4, 5] show that the carrier transit
time under the gateisabout 0.1 ps (ballistic transit) and
the transistor on-to-off switching time is below 1 ps.
These data alow us to expect a (2-3)-fold increase in

Fig. 1. SEM micrograph of the cross-section of arecessed-
gatefield-effect transistor. The doping levels of GaAslayers
are 101 cm2 (for the n~ buffer layer), 5 x 1017 cm 3 (for
the n channel), and 10'° cm™3 (for the n* contact layer).
The material used for the gate metallization is Au with a
sublayer of W.
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Fig. 2. FET high-frequency characteristics: (1) maximum
power gain, (2) optimum power gain, and (3) minimum
noise factor. Solid lines show the results of theoretical cal-
culations.

the power gain cutoff frequency after lowering the
input capacitance by decreasing the gate width to
7-15 pm.

The greatest influence on the charge carrier motion
under the gate has the velocity overshoot. The maxi-
mum carrier velocity in the channel is 8 x 107 cm/s,
which agrees with the data presented in [4]. Due to the
presence of aV-shaped groove, the velocity undershoot
is lower than that in a conventional transistor with the
same gate length, which is an additional factor improv-
ing the device performance. The latter effect can be
explained by a different distribution of electric field in

TECHNICAL PHYSICS LETTERS Vol. 26 No. 5
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the gate—drain gap, which, in turn, affects the distribu-
tion of the electron gas temperature in the channel,
reduces dimensions of the static Gunn domain, and
shiftsit tothedrain. The electronspassfrom L to I val-
ley through the n* GaAs contact layer (near the drain).

The lowest noise level was obtained for a channel
thickness (in its narrow part) comparable to the size of
a depletion region (normally-off transistor). In this
case, the optimum gate bias voltageis+0.15V. Thiscan
probably be explained by alower efficiency of the car-
rier scattering during their motion in the layer immedi-
ately adjacent the n channel. Because of the charge car-
rier diffusion, the conductance of thislayer is compara
ble with that of the channel, which additionally lowers
the noiseresistance. Asaresult, the transistor noisefac-
tor at 12 GHz is below 0.8 dB for a gain factor of 11.5
dB, which compares to the noise factor of two-dimen-
sional electron gas transistors.

Thus, the presented results demonstrate that one can
use standard epitaxial GaAs structures to fabricate a
SBFET with characteristics approaching those of two-
dimensional electron gas transistors (such as HEMT
and PMHEMT) by creating gates with an effective gate
length of several tens of nanometers.
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Abstract—The electric conductivity and photoconductivity of pc-Si : H films weakly doped with boron
increase upon exposure of the samplesto light in the band of intrinsic absorption. It is shown that the effect is
related to changes in the ambient medium, probably, to the photoinduced charging of oxygen molecules
adsorbed on the pc-Si : H films. © 2000 MAIK “ Nauka/Interperiodica” .

In recent years, microcrystalline hydrogenated sili-
con (uc-Si : H) has drawn the attention of researchers
because of good prospectsfor the use of thismaterial in
optoelectronics. Thisisrelated to a considerable extent
to the fact that electric properties of the undoped
pc-Si : H films, in contrast to those of the amorphous
hydrogenated silicon, exhibit no degradation during
prolonged exposure to light [1]. As is known, the
undoped pc-Si : H films possess a comparatively high
conductivity of the n-type (10102 Q' cm™) [2],
related to uncontrolled oxygen impurity introduced
during the film preparation [3], and low photosensitiv-
ity [2].

It was reported that the introduction of a small
amount of boron into puc-Si : H decreases the conduc-
tivity by several orders of magnitude [1, 2, 4] and,
which is especialy important, markedly increases the
photosensitivity [1, 2, 4]. However, no data were
reported on the stability of boron-doped pc-Si : H films
with respect to prolonged illumination. The purpose of
thiswork was to study the effect of light on the electric
and photoel ectric properties of pc-Si : H weakly doped
with boron.

The experiments were performed with boron-doped
pe-Si : H films prepared at Marburg University by
chemical vapor deposition (CVD) from a glow-dis-
charge decomposed mixture of monosilane (SiH,),
diborane (B,Hg), and hydrogen. The initial gas mixture
contained 98.5% H,, while the diborane to monosilane
molar ratio was B,Hg/SiH, = 4 x 10°. Silicon films
with a thickness of 0.6-0.7 um were deposited onto
guartz substrates heated to atemperature of 220°C. For
the electrical measurements, the samples were pro-
vided with vacuum-deposited magnesium contacts.
The photoconductivity was measured on the films
excited by light quanta with an energy of 1.8 eV at a
light beam intensity of 5 x 10 cm s1. The effect of

prolonged illumination at room temperature on the dark
conductivity (o) and photoconductivity (o,,) of the
film samples was studied using an incandescent lamp
with athermal filter (light intensity, 60 mW/cm?). Prior
to exposure, the films were annealed for 30 min at
180°C in a vacuum of 103 Pa. The electric measure-
ments were performed in vacuum or in dry air.

According to the data of scanning and transmission
electron microscopy, the film morphology comprised a
system of “columns’ with a diameter of 30-100 nm.
The columns, oriented perpendicularly to the film sur-
face, were composed of 3-30 nm microcrystallites [5].
Analysis of the Raman spectra showed that scattering
from the crystalline component accountsfor 85% of the
total peak area[5]. The results of thermo emf measure-
ments indicated that the films possess conductivity of
the p type.
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Fig. 1. The plots of relative variation in (a) conductivity and
(b) photoconductivity of pc-Si : H films versus the time of
their preliminary illumination (1) in a vacuum of 1072 Pa
andindry air at apressure of (2) 10 or (3) 10° Pa.
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Our investigations showed that the electric conduc-
tivity and photoconductivity of pc-Si : H films weakly
doped with boron are independent of the ambient
medium (vacuum versus dry air). At the same time,
conditions of the prolonged illumination of the samples
significantly affected the pattern of variation in the
electric and photoelectric properties. As seen from
Fig. 1, illumination of the filmsin a vacuum of 10~ Pa
changed neither a4 nor g, vaues. At the same time,
illumination of the pc-Si : H filmsin dry air increased
both the conductivity and photoconductivity of the
samples. A reduction in residual pressure in the work-
ing chamber decreased the observed effect.

Figure 2 showsthe plots of conductivity versus recip-
rocal temperature for a vacuum-annealed pc-Si : H film
sample measured before (curve 1) and after (curve 2) a
4-h illumination at room temperature in dry air at a
pressure of 10 Pa. In both cases, the conductivity mea-
surementswere performed in avacuum of 102 Painthe
heating mode. As seen, the temperature dependence of
0,4 for the annealed sample exhibits the thermoactiva-
tion character with an activation energy of E,=0.43 eV.
Prolonged illumination in dry air leads to increasing
conductivity and decreasing E,. As the sample temper-
ature increased (Fig. 2, curve 2), a change in the con-
ductivity induced by preliminary illuminationin dry air
was gradually “annealed” and the initial conductivity
was restored at T > 450460 K.

I'n our opinion, the observed effects can be related to
the trapping of photogenerated electrons on the orbitals
of oxygen molecules adsorbed at the surface of col-
umns and the outer surface of the pc-Si : H films.
Effects of thistype were previously reported for real [6]
and thermally oxidized [7] silicon surfaces. The
adsorption-induced electron states manifested in these
effects are separated from the bulk of the semiconduc-
tor by a potential barrier related to athin surface oxide
layer. This barrier can be surmounted only by most
energetic (“hot”) electrons photogenerated in the bulk.
In crystals with an imperfect surface oxide structure,
the optical threshold of negative photoinduced charging
of the adsorption electron states falls within the visible
spectral range (hv > 2.6 eV [6]). Trapping of the elec-
tron increases the binding of an adsorbed molecule to
the surface, so that the desorptionisalso possible at ele-
vated temperatures (T = 450460 K) (Fig. 2).

Negative photoinduced charging of the pc-Si : H
film surface leads to a growth in the hole concentration
in the film and increases their mobility at the expense
of decreasing potential barrier on the column bound-
aries. Thisresultsin an increasing electric conductivity
of thefilms. A growth in the photoconductivity is prob-
ably related to a decrease in the rate of minority carrier
recombination, which is caused by changes in the sur-
face potential of puc-Si : H microcrystallites.
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Fig. 2. The plot of dark conductivity versus reciprocal tem-
perature for a vacuum-annealed pc-Si : H film measured
(2) before and (2) after 4-h illumination at room tempera-
tureindry air at apressure of 10 Pa. The conductivity mea-

surements were performed in a vacuum of 107 Pa.

The above data suggest that changes in the electric
conductivity and photoconductivity must also take
place in the undoped pc-Si : H films upon prolonged
illumination, but these changes may beless distinguish-
able against the higher conductivity and lower photo-
conductivity of this material.

Thiswork was supported by the INTAS Foundation,
project no. 97-1910.
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Abstract—Single-crystalline garnet films with a stoi chiometric composition of Gd;GasO;, were grown for the
first time by liquid phase epitaxy from a supercooled melt of the Bi,O;—B,0;—Ca0 solid solution system. The
films exhibit no absorption bands in the visible spectral range. © 2000 MAIK * Nauka/Interperiodica” .

Optically active epitaxial single-crystalline garnet
(SCQG) films of various compositions are usually grown
from supercooled melts of PhO- B,0O; based solid solu-
tions [1-5]. A disadvantage of this system is that the
solvent components Pb?* and Pb* enter into the garnet
composition, which resultsin additional optical absorp-
tion in the visible spectral range [5] and hinders cre-
ation of the film lasers operating in this range. More-
over, the optical absorption spectraof SCG filmsgrown
under identical conditionsfrom the same Pb-containing
solution melt exhibited considerable scatter [5]. Thisis
manifested, in particular, by different colors of sequen-
tially grown epitaxia films[2].

The purpose of this work was to grow Gd;Ga;0;,
SCG films on (111)-oriented Gd;Ga;0,, substrates by
liquid phase epitaxy (LPE) from a supercooled melt of
the Bi,O;—B,0,—Ca0O solid solution system and to
study the optical absorption spectra of these films. It
was expected that the films would exhibit no additional
optical absorption caused by the Pb?* and Pb* ions.
Ca0 was introduced into the melt in order to compen-
sate for the charge of the possible admixture of Pt**
ions.

The SCG films were grown from a charge with the
following molar ratios of components:

R, = Ga,0,/ Gd,0, = 2.9-4.8,
R, = Bi,0,/B,0; = 16.1-16.3,
R, = CaO/B,0; = 1.00,
R, = (Gd,0;+ Ga,0,)/(Gd,0; + Ga,0,
+Bi,0; + Ca0 + B,O,) = 0.087—0.097.

The melt was homogenized in a platinum crucible
for not less than 240 min, after which the temperature

was decreased for 60 min to reach the growth tempera-
ture Ty, the solution melt was kept at this temperature
for ~20 min. Then a substrate was immersed into the
melt to grow an SCG film sample. The melt supercool-
ing AT was gradualy increased from one series of
experiments to another. A minimum AT value in vari-
ous series varied from 1.5 to 23 K. The film growth
time was about 30 min and the total film thickness (2h)
grown on both sides of the substrate was determined by
weighing the substrate beforeimmersion and the grown
epitaxial structure upon withdrawal [2]. The optical
transmission spectrawere measured on a Perkin-Elmer
Lambda 900 spectrophotometer.

The final parameters of some SCG films grown at
various temperatures (T,) and growth rates (fy) are
listed in the table. In our experiments, the samples
sequentially grown under otherwise identical condi-
tions exhibited no variation in their color, in contrast to
what was observed for the films grown from the
Pb-containing melt [2]. The samples grown from the
Bi,04B,0,—Ca0 melt appeared as colorless and trans-
parent.

Parameters of epitaxial semicrystalline garnet films grown
from Bi,O3—B,05;—Ca0 (samples 1-3) and PhO-B,0O5 (sam-
ples 4 and 5) solution melts

Sample | Ty, °C |fg, pm/min| 2h, um | Agq, NM
1 896 0.22 12.92 314
2 886 0.39 24.82 321
3 886 0.30 18.46 317
4 932 0.74 29.8 365
5 932 0.24 94 289
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Fig. 1. Optical transmission spectra of (1) GdzGasO;,
substrate and (2-6) epitaxial SCG films grown from
(2-4) Bi,03B,05-Ca0 melts (samples 1-3, respectively)
and (5, 6) PbO-B,0O3 melts (samples 4 and 5).

Figure 1 shows the optical transmission spectra of a
Gd;Ga;0,, substrate (curve 1) and the epitaxial SCG
samples 1-3 grown from a Bi,0;—B,04Ca0 solution
melt (curves 2—4) in comparison with the spectra of two
films (samples 4 and 5, having smaller and greater
thicknesses than the former films, respectively) grown
from aPbO- B,0O; based solution melt (curves 5 and 6).

As seen from Fig. 1, all the epitaxial films studied
exhibit additional absorption as compared to that of the
substrate. The transmission band edge of the SCG films
was characterized by Ay; (see table), representing a
wavelength at which the transmission T drops to 10%
of the maximum value. Note that the A, ; values of SCG
films grown from the Bi,O;—B,0;—CaO solution melt
vary in the series of sequential samples [5] to a lesser
extent than in the films grown from the PbO- Ba,0O;
solution melt.

Figure 1 demonstrates that the transmission spectra
of SCG films grown from the Bi,O;—B,04Ca0 solu-
tion melt (curves 2—4) exhibit no significant absorption
intheregion of A = 550 nm characteristic of sufficiently
thick Pb-containing films (curve 6). This circumstance
is promising from the standpoint of creating film lasers
emitting in the visible spectral range.

Figure 2 presents the spectra of absorbance o(A)
(normalized to the film thickness) of SCG films grown
from the Bi,O;—B,0,—Ca0 solution melt. These curves
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Fig. 2. Reduced optical absorption spectra of
(1) Gd3Gas0,, substrate and (2—6) epitaxia SCG films
grown from Bi,O3-B,03-CaO PbO-B,05 solution melts.
Numbers at the curves refer to the same sample asin Fig. 1.

were obtained by mathematical processing of the trans-
mission spectrain Fig. 1, whereby the transmittance T
of a substrate with the film was divided by that of the
pure substrate (measured before growth) and a loga
rithm of this ratio was divided by the total thickness of
layers grown on both sides of the substrate. As seen,
curves 2—4 exhibit an absorption band in the region of
A = 290 nm. This absorption can be attributed to the
most longwave transition in bismuthions!S, — 3P, in
nonferromagnetic garnets [6]. However, this assign-
ment has to be verified by further investigations of the
optical absorption in SCG films grown.

A weak absorption in the region of A = 280 nm is
also present in the spectra of SCG films grown from the
PbO-B,0; based solution melt (Fig. 2, curve 6). This

band can be assigned to an intra-ion transition in Pb?*,
such as (G‘f)l—SO — 3P,

Thus, the results of our experiments have demon-
strated that epitaxial SCG films with a stoichiometric
composition of Gd;Ga;O,, grown by LPE from a
Bi,0;—B,04-Ca0 solution melt system possess addi-
tional optical absorptioninthe UV range (near 290 nm)
in comparison to the Gd;Ga;0,, substrates. At the same
time, these films exhibit no absorption bandsin the vis-
ible spectral range at A = 550 nm (characteristic of the
garnets grown from the PbO-B,0O; based solution
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Abstract—A scheme of an optoelectronic system built around a remote Mach—Zehnder interferometer was
developed and experimentally studied. The output signa of the interferometer is detected under pseudohetero-
dyne conditions using the polarizing beam splitting and a sawtooth phase modulation. It is demonstrated that
the system is insensitive to external noise in the forward and backward optical channels. © 2000 MAIK

“ Nauka/Interperiodica” .

Optical interferometers are frequently employed in
physical measurements and of or monitoring moving
objects [1]. Present-day needs are best met by distrib-
uted systems that combine high accuracy, wide
dynamic range, and large bandwidth with the possibil-
ity of remote operation and reliable optical signal trans-
mission from local units to the remote sensor. This
paper presents a system built around a remote two-
beam optical interferometer with polarizing beam split-
ting and ancillary sawtooth phase modulation.
Although anal ogs of the system have been reported [2—
8], they suffer from fluctuations of the optical path
length in the channel going to the remote portion of the
instrument, since their interferometers had extended
arms for remote measurements.

In the scheme we suggest (Fig. 1), aremote portion
of the instrument includes the entire sensor, whereas
the local portion contains alight source (gas laser) and
electronic equipment. It is demonstrated that the sys-
tem isinsensitive to external noise in the forward opti-

cal channel. The sensor is a two-beam Mach—Zehnder
interferometer with the input polarizing beam splitting.
Its output signal goes through the backward channel to
a photodetector connected to processing units. The
laser output is subjected to ancillary phase modulation
in an electrooptical crystal (see block 2 in Fig. 1). The
interferometer is sensitive to difference in the arm
lengths. It may embody the principle of reference and
signal arms or the differential principle, whereby an
external factor changes the arm lengths oppositely.
If the forward channel is isotropic, it does not change
the phase difference between interfering beams and
hence does not affect measurements.

A detailed analysis of the instrument together with
a theoretical and experimental study of the phase-dif-
ference modulation employed and the interferometer
misalignment distortions have been presented in [6].
Here, we consider (1) pseudoheterodyne detection
using ancillary sawtooth modulation of the phase dif-
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Fig. 1. Block diagram of the instrument: (1) LGN-207 gas laser; (2) ML-102 electrooptical modulator (polarizers removed);
(3) polarizing beam splitter; (4) mirror; (5) semireflecting mirror; (6) piezo-ceramics cylinder; (7) cell with water; (8) A/2 phase
plate; (9) photodetector; (10) oscilloscope; (11) spectrum analyzer; (12) oscillator; (13) phase meter; (14) optical channel.
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Fig. 2. Oscilloscope traces obtained in the (a) absence or (b) presence of phase modulation in the interferometer, the modulation
index being 1t In each panel, the upper portion shows the modulating voltage across the local electrooptical crystal, whereas the

lower portion, the output of the photodetector.

ference and (2) suppression of noise in the forward
channel.

In our experiment, we used aHe—Nelaser (LGN-207)
providing linearly polarized radiation with a wave-
length of 0.63 um and a power of 2 mW. The input and
the output polarizer of the modulator were removed.
Let a dencte the azimuth of the radiation with respect
to the birefringence axis (OX) of the electrooptical
crystal. If a # 0° and a # 90°, the phase difference I'
between the orthogonal components E, and E, at the
output of the crystal varies according to a sawtooth con-
trol voltage. After the modulator, the beam passes
through a A/2 phase plate and the forward channel,
coming to the polarizing beam splitter. Generally
speaking, the environment can make the channel aniso-
tropic so that the phase difference between the orthog-
onal components would change by a certain quantity v.
Also, the axes of the crystal and the Rochon prism may
be misaligned by a certain angle 3. The prism splitsthe
beam into the E, and E, components, which propagate
along respective arms of the interferometer. One of the
arms includes a A/2 plate for matching beam azimuths
at semireflecting mirror 5. The output of the interfer-
ometer is a linearly polarized beam with modulated
intensity. The modulation is picked up by the photode-
tector. An externa action on the interferometer modifies
the phase difference ¢ between the beams at mirror 5.

According to [6], alossless interferometer givesthe
normalized output intensity

o = 1—cos(2a)sin(4p)sin(y)—sin(2a)cos(2p)

x [cos’Bsin(d + [ +y) +sin°Bsin(¢p + T + y)].(l)
Optimal operation is achieved at
a =45°, B=0. (2

Note that the condition 3 = 0 is satisfied by means
of the A/2 plate 8. In view of (2), formula (1) issimpli-
fied asfollows:

low = 1—sin(p +T +y). ©)

This expression is a typical interferometer wave-
form with the ancillary modulation ' (u(t)). The pro-
cessing units extract ¢(t), which gives information

TECHNICAL PHYSICS LETTERS  Vol. 26

about the external action on the sensor. If the forward
channel becomes anisotropic (in the operating band),
producing a phase shift y(t), then a spurious signal
arises at the output, since y(t) cannot be differentiated
from the desired signal ¢(t).

With a sawtooth voltage u(t) of frequency Q, the
modulation index I ,,,, being 21, expression (3) can be
reduced to [4].

low = 1-8in(Qt+do), &0 = () +y(1). (4

This is equivaent to the heterodyne detection of the
interferometer signal, whereby a variation in ¢ results
in the same phase shift of the subcarrier with frequency
Q at the photodetector output.

Once the interferometer had been aligned [ see con-
dition (2)], a 1-kHz sawtooth voltage (see the upper
portion of Fig. 2a) was applied to the modulator. The
amplitude of the modulating signal was chosen so that
the phase difference between E, and E, be 21t The pho-
todetector produced asine signal (seethelower portion
of Fig. 2a) identical to heterodyne signal (4). Detection
was tested by applying a “signa” phase modulation
to one of theinterferometer beamswith the help of mir-
ror 4 attached to a piezo-ceramic cylinder.

If a 100-Hz harmonic voltage is applied to the cyl-
inder, the subcarrier (of frequency 1 kHz) becomes
modulated in phase at 100 Hz, the amplitude being con-
stant (Fig. 2b).

The alignment of the electronics under pseudohete-
rodyning conditions consisted in setting the amplitude
of the sawtooth modulating voltage so that the phase
difference be 21t

The desired signal was extracted from the detected
signal with a phase meter (Fig. 2b).

In the experiment, we also evaluated the sensitivity
of the instrument to external noise in the forward chan-
nel. To this end, a 10-cm-thick glass cell with water of
variable temperature was inserted into the optical path.
If the cell is placed in the arm of the interferometer,
heating the water causes a considerable phase shift of
the subcarrier (see curve ain Fig. 3), due to avariation
in the refractive index and hence, in the optical path
length. If the cell isin the forward channel, subcarrier

No. 5 2000
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Fig. 3. Subcarrier phase shift vs. water temperature in, the
cell placed (a) intheinterferometer arm or (b) intheforward
channel.

phase varies insignificantly (<2m) and irregularly (see
curvebin Fig. 3). Thelatter feature seemsto stem from
thermal fluctuations in ¢. We attribute the temperature
insengitivity of the subcarrier phase and, hence, of the
instrument readings to the isotropy of the propagation
medium (water). The system is expected to assure
y(t) < ¢(t) in most common cases of real interferences.

In conclusion, note that the instrument may be con-
structed in optical-fiber technology.
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Abstract—For alinear-beam microwave tube, the effect of space charge on signal generation and amplification
in the electron flux—electromagnetic field system near a cut-off frequency of a slow-wave structure is studied
numerically. In aparameter plane, regions of operation regimes are delinested. It is demonstrated that the space
charge facilitates the oscillation near the higher cut-off frequency, but hampers that near the lower cut-off fre-

guency. © 2000 MAIK “ Nauka/Interperiodica” .

The interaction of linear electron beams with an
electromagnetic field near a cut-off frequency of the
slow-wave system is employed in relativistic orotrons
and high-power traveling-wave tubes. Comprehensive
theoretical treatment of the devices entailsinvestigating
their electron—wave instabilities, since these mecha
nisms dictate the conditions of desired or spurious
oscillation [1]. This type of research was pioneered
in [2]. However, that work was restricted to the case of
aninfinitesimal space charge, which isfar from redlity.
The point is that an increased space charge may cause
a transition from absolute to convective instability or
vice versa, thus hampering or facilitating oscillation.
On the other hand, taking the space charge into account
leads to a multiparametric problem. This topic is
important for the entire theory of wave phenomena,
currently investigated by researchers in many fields,
such as chemical kinetics[3], where the instability of a
multiparametric kinetic system was studied with an
allowance for diffusion.

Let us consider the interaction between a linear
electron beam and a synchronous component of the
longitudinal electric field near a cut-off frequency of
the slow-wave structure[2]. Allowing for space charge,
the equations describing this system can be written in
the following form:

%‘%_i%f = i(F+iql), 5;+iub—— =1, @

where F (&, 1) and | (¢, 1) are owly varying ampli-
tudes of the RF field and current, respectively; B indi-
cates the degree to which the synchronism between the
beam and the critical wave is violated; and g refers to
the space charge [2]. Specifically, q = [w,/(we€)]?,
where wy, is the plasma oscillation frequency of the
beam, wy, is the critical frequency, and € is an interac-
tion parameter. In (1), 4 = 1 for the lower cut-off fre-

quency and p = -1 for the higher cut-off frequency.
Equations (1) are derived and discussed in [2].

The dispersion relationship for equations (1) is
1
(B+B)’—q

The frequency Q(3) isan analytic function everywhere

except for the first-order poles 3, , = —B * Jq. They
relate to the dispersion of an electron stream that does
not interact with the wave in the slow-wave structure.
A formal solution of theinitial problemisoffered by the
Fourier integral, the singularities being circumvented

according to the condition | (§, 1) = 0as& — —. This
means that the field attenuates in the direction opposite
to that of the beam propagation.

Let us consider the time evolution of a perturbation
whose spatial distribution is given at an initial instant.
In other words, we are going to examine the system for
absolute instability. The method developed in [2] tells
us that absolute instability is present if the complex
plane of B contains saddle points B, for which
ImQ(By <0and ImB,> 0. Recall that asaddle point is
characterized by the equation

dQ/dp = o. A3)

The first inequality states that a small initial perturba-
tion with wavenumber 3, must grow, whereas the sec-
ond inequality follows from the circumvention rule.
Compuitation testifies to the absolute instability if B is
above a certain critical level B, for the low-frequency
boundary (1 = 1) or below thecritical level for the high-
frequency boundary (1 = —1). Plots of the critical level
B.(q) are depicted in Fig. 1, which shows that, for
M =-1, increasing space charge results in absolute
instability if B > 1.755; for u = 1, the increase sup-
presses absolute instability if B > 0. Thus, the space

Q(B) = up’+ @)
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0 1 2 3 4 5 6 7 ¢

Fig. 1. The plot of critical values B. vs. g for the lower
(1 =1) or the higher (u = —1) cut-off frequency. Theregion
of absolute instability is marked by hatching.

chargeisfavorable for oscillation near the higher limit,
but it is unfavorable near the lower limit.

Alternatively, one may consider a perturbation that
arises in a certain region and follows a preset time
schedule. Then one deals with the problem of wave
amplification by the medium (or convective instability)
for the waves propagating from a source of given fre-
guency Q, [1]. Look at the regions into which the
parameter space (B, Q,, q) is divided according to the
regimes of operation (amplification or transmission). If
the system is free from absol ute instability, the bound-
aries can be determined from the following equations:
Q,=Q(B) and dQ/dB =0[2, 3]. For dispersion relation-
ship (2), thisyields

Q, = HBZ"' L

— = 0,

(B+B) —q

_LEZ = 0.
[(B+B) —d]

Note that lines (4) separate the regions where the
imaginary part of each root of Q, = Q(B) retains its
sign. For each of theregions, the behavior of the system
can be determined on the basis of the criterion distin-
guishing convective instability and opacity [1] at asin-
gle characteristic point.

The maps of (B, Q) corresponding to the solutions
of various types were calculated for the lower and
higher cut-off frequencies with g ranging from 0 to 10.
The case of the lower frequency and q = 2 is presented

(4)
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Fig. 2. The map of operation regimes (B, Qo) for the lower
cut-off frequency (1 = 1) and q = 2: (1) absolute instahility,
(2) convective instability, and (3) transmission.

in Fig. 2. The chart comprises the regions of (1) abso-
lute instability, (2) convective instability, and (3) trans-
mission. The curves separating regions with different
types of solution (namely, the amplification and trans-
mission regions) and the dashed curves refer to reso-
nance, when Q, = Q. with Q.= Q(3,) being afrequency
at which the roots of (2) merge with each other. It can
be shown that the region Q, < 0 is a transmission
region, by analogy with the propagation of abeam in a
nonzero-susceptance medium. Specifically, the current

wavenumbers are B = —B + J/q—1/(B°+|Q|), pro-

vided that |Q| > 1. Under the above assumptions, the
wavenumbers are real so that the system is transparent.
Thus, perturbations are propagated by space-charge
waves in the electron stream.
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Abstract—Data on the effect of ultrasound on the metal—oxide—semiconductor structures preliminary irradi-
ated by y-quanta are presented. It is demonstrated that the ultrasonic action resultsin adecrease of the radiation-
induced charge in the dielectric layer of the structures under study. The observed effects are explained using a
mechanism of the ultrasound-stimulated diffusion of radiation defectsin thefield of elastic stressesin the layer
of silicon dioxide. © 2000 MAIK “ Nauka/Interperiodica” .

It is known that the action of the radiation on the
semiconductor devices results in the formation of vari-
ous bulk defects and degradation of their electrophysi-
cal parameters [1]. Recent discovery of the positive
influence of the ultrasonic processing on the defect
structure of semiconductor materials[2, 3] explainsthe
interest in the studies of the effect of ultrasound on the
semiconductor devices and structures that experienced
the action of ionizing radiation. In this work, we report
on the effect of ultrasonic processing on the metal—
oxide-semiconductor (MOS) structures preliminary
irradiated by y-quanta.

MOS structures were produced by means of the
thermal oxidation of silicon with the specific resistance
Po = 0.2-0.5 Q cm and the crystallographic orientation
(100). Oxidation was performed in the atmosphere of
dry oxygen at T = 900°C during one hour with subse-
guent slow cooling (10°C/min). A control electrode
with the area S= 4 x 102 cm? and the ohmic contact
were formed by the vacuum deposition of auminum.
The samples were irradiated by y-quanta from a Co®
source to a dose of 106 rad and then treated for 30 min
with ultrasound at a frequency of 1 MHz and a power
of 1W/cm?.

It is commonly accepted that the process of charge
accumulation in the dielectric and increase in the den-
sity of surface states (SS) at the Si-SiO, interface are
factors producing the main influence on the parameters
of MOS structuresirradiated to closes below 107 rad [4].
We used the method of high-frequency capacitance—
voltage (C-V) characteristics [5] to determine the
chargeinthedielectric and the SS charge at the S—-SiO,
interface. Figure 1 shows the experimental C-V curves
of the MOS structures studied. It is seen that the ultra-
sonic treatment shifts the C—V curves of the irradiated
structures along the voltage axis toward the parameters

of the initial structures and changes the slope of the
curves. According to [5, 6] this indicates a decrease
both inthe charge built inthe dielectric layer and the SS
charge. Figure 2 demonstrates a change of the integral
SS charge (Q,) along the band gap (E. — E) of silicon. It
is seen that the ultrasonic processing of the irradiated
structures resultsin the decrease of Q. down to 1.5-2 x

108 C/lcm? at E, — E = 0.7 eV. At the same time, the

0.80

-40

1
-10 0 10 20
Uuv

1 1
=30 20

Fig. 1. Experimental capacitance-voltage (C-V) curves of
the MOS structures: (1) initial structure, (2) the result of
y-irradiation; (3) the result of the ultrasonic action on the
irrediated structure.
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ultrasonic treatment decreases the val ue of the effective
charge inside the dielectric Qy (determined from the
shift of the C-V curves in the same energy interval [5,
7]) by 3.5-4 x 108 C/cm?.

It is known that high-intensity electric fields appear
inside a dielectric in the course of the C-V measure-
ments. In the structures under study, the electric field
intensity inthe dielectric layer was E; = 10°V/cm. Such
fields can stimulate the process of self-annealing of the
radiation defects and relaxation of the radiation-
induced charge in the dielectric layer [8]. However,
control measurements of the irradiated structures not
treated by ultrasound demonstrated the absence of the
distinct changes of Q4 and Q.. Hence, it can be con-
cluded that the observed changes are caused by the
ultrasonic treatment, rather than by the self-annealing
of the radiation defects in the course of C-V measure-
ments. At the same time, it was demonstrated that the
ultrasonic processing of the initial (unirradiated) MOS
structures does not lead to changes in the C-V curves
and does not influence the process of accumulation of
the radiation-induced charge in the dielectric layer.
Therefore, the energy of the ultrasonic oscillations
transferred to the MOS structures is lower than the
threshold energy of the defect formationin SIO, and in
the transition layer near the Si-SiO, interface.

These results can be explained as follows. It is
known that the ionization effects play the main role in
the formation of defects at the S—SiO, interface and in
the bulk of silicon dioxide under the action of y-radia-
tion [9]. In this case, two processes take place: the for-
mation of the new charged defects and charging of the
existing trap centers. Radiation defects in SO, can be
stable or unstable. In the former case, the positions of
defects inside the glass structure are determined by the
absolute minimum of the free energy. In the latter case,
these positions correspond to alocal minimum of the
free energy [9]. It is known that there are internal
compressive stresses in the transition layer near the
S-S0, interface, which become weaker in the bulk of
the dielectric layer [4, 8]. The ultrasonic action can stim-
ulate diffusion of the unstable defects inside the glass
structure with their further localization in the positions
with an absolute minimaof thefreeenergy [10]. Thegra-
dient of the internal stresses causes a diffusion of the
defects from the interface into the depth of the dielectric.
The quantity Q4 that causes shifts of the C-V curves
along the voltage axisis given by the formula

d

Qq = d‘lj(p(x)x)dx, (1)
0

where d is the thickness of the dielectric layer, p(x) is
the space charge distribution function inside the diel ec-
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Fig. 2. The distribution of theintegral charge of the surface
states over the band gap of silicon in the MOS structures:
(1) initia structure; (2) the result of y-irradiation; (3) the
result of the ultrasonic action on theirradiated structure.

tric layer, (x = 0 at the meta-SIO, interface) [7].
Removal of the charged defects from the interface
resultsin a shift of the maximum of p(x) deeper inside
the dielectric and a decrease of Q. In addition, the
removal of a part of defects from the interface makes
impossible their recharging by electrons from bulk sil-
icon, which resultsin the observed decrease of Q.. Note
also that the drift of defects can be accompanied by the
process of their annihilation at the internal sinks and
rearrangement of their energy levels [8], which can be
followed by the liberation of the localized charge (this
factor also leads to the decrease of Q).

Therefore, the decrease of the radiation-induced
charge observed in the dielectric layer of the MOS
structures after ultasonic processing can be determined
by the process of the ultrasound-stimulated diffusion of
unstable radiation defects in field of elastic stressesin
SO, structure. The processes that take place in this
case provide a partial recovery of the electrophysical
parameters of the y-irradiated MOS structures.
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Abstract—The optical properties of multilayer structures with quantum dots in the heteroepitaxial INASGaAs
system have been studied. The structures were obtained by the method of submonolayer migration-stimul ated
epitaxy. It is shown that the optimized growth conditions provide room-temperature luminescence at a wave-
length of 1.3 um. © 2000 MAIK “ Nauka/Interperiodica” .

The creation of laser diodes emitting at a wavelength
of 1.3 umisvery important for optical fiber communica-
tions. In recent years, much attention has been given to
systemsthat can be regarded as an aternative to indium-
phosphide-based lasers, which use the substrates and
materias that cannot provide for the necessary tempera-
ture stability of lasing characteristics [1]. To obtain the
emission a a 1.3 um wavelength, several approaches
were proposed and implemented. One of these is based
on the use of INnGaAsN guantum wells (QWSs) with alow
nitrogen content in the active region [2]; another one is
based on the incorporation of InAs quantum dots (QDs)
into asilicon matrix [3]. Still another approach consists
in growing quantum dots in a heteroepitaxial
(In,Ga)Ag/GaAs system by the Stransky—Krastanov
mechanism providing considerable shift of the emis-
sion wavelength in comparison to that in the
(INGa)As/GaAs quantum wells (QWS). In the latter
case, the emission at awavelength of about 1.3 pm can
be achieved by several methods. (a) the formation of
InGaAs/GaAs quantum dots by deposition of a rather
large number (about eleven) of InGaAs monolayers of
a 50%-(In,Ga)As solid solution by the method of
molecular beam epitaxy (MBE) with alternating depo-
sition of indium and gallium atoms and antimony mol-
ecules for increasing the lateral dimensions of nanois-
lands [4]; (b) the incorporation of InAs quantum dots
obtained by the conventional MBE method into an
external (Al,In,Ga)As quantum well [5, 6], which stim-
ulates the decomposition of the solid solution and
increases indium concentration in the vicinity of the
quantum dot. Difficulties encountered in the attempts at
achieving the 1.3 um range in the structures with
InGaA g/GaAs quantum dots are associated mainly with
arather large average thickness of the InAslayer in the
active region, which results in a high probability of the
formation of misfit dislocations. Therefore, the search
for new approaches in designing devices based on the

use of quantum dots emitting at awavelength of 1.3 um
by minimizing the indium concentration in the active
region seemsto be quite timely.

It iswell known that the use of submonolayer migra-
tion-stimulated epitaxy and/or its combination with
other growth methodsincreasesthelateral dimensions of
nanometer islands in the INAS/GaAs system [7, 8]. For
multilayer INAS/GaAs structures with several planes of
InAs quantum dots separated by GaAs spacers, the
average idand dimensions are also rather large [9].
Below, we consider the optical properties of multilayer
structures, where the quantum dotsin the active regions
were formed either by the method of submonolayer
migration-stimulated epitaxy (SM SE) or by acombina
tion of this method with the conventional MBE process.
Optimization of the growth conditions made it possible
to obtain structures with the room-temperature photo-
luminescence (PL) maximum at a wavelength of
1.3 um and the average thickness of the InAs layer in
each quantum-dot plane egual to 2.5 monolayers
(MLs).

The structures studied were grown by the MBE
method or, in the case of an active layer, by the modi-
fied MBE method—SM SE, whereby indium and anti-
mony were aternatively deposited onto the substrate
surface (each indium deposition cycle providing the
formation of an 0.5-ML-thick layer then exposed for
10 s to the As flux). The structures were grown in an
EP1203 apparatus on semi-insulating GaAs(100) sin-
gular or vicinal substrates. The active region located
between two 6 nm-thick GaAs layers consisted of ten
InAslayers of quantum dots separated by 6-8-nm-thick
GaAs spacers. The effective thickness of the InAslayer
in various structures with quantum dots ranged from
2.5 to 3.0 monolayers. To avoid the transport of non-
equilibrium carriers into the subsurface region and the
substrate during the optical studies, the active region
was bounded on both sides by the short-period
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Fig. 1. Photoluminescence spectra measured at 77 and 300 K for a structure consisting of ten 2.5-ML-thick InAs layers of quantum
dots grown by the SM SE method. The thickness of a GaAs spacer is 8 nm.

Al 5Gay 7sASGaAs superlattices (five 25A/25A pairs).
The growth temperatures were 480°C for the active
region and 550°C for the remaining part of the struc-
ture. The formation of quantum dots was checked by
the reflection high-energy electron diffraction
(RHEED) patterns. The growth rates (preliminarily
measured for a calibrated sample using the method of
intensity oscillation in the zeroth reflection of the
RHEED pattern) were 0.10, 0.24, and 0.70 ML/s for
InAs, AlAs, and GaAs, respectively. The total pressure
of antimony vaporsin the growth chamber measured by
a VMB 1/8-type transducer was the same in al the
experiments (1.5 x 10 Pa). Photoluminescence was
excited by an Ar* laser (A = 514.5 nm, the excitation
energy density ~100 W/cm?). Luminescence was
detected by a cooled Ge-photodiode.

Figure 1 shows the photoluminescence spectramea-
sured at 77 and 300 K for a sample with the active
region consisting of ten InAs quantum-dot layers of the
nominal thickness 2.5 ML grown by the SM SE method
(five cycles) separated by 8-nm-thick GaAs spacers.
The spectra are characterized by broadened lines (char-
acteristic of the ensembles of quantum dots) with the
maximaat ~1.2 and ~1.05 eV at 77 and 300 K, respec-
tively. It is seen that only the long-wavelength edge of
the fluorescence line covers the range of 1.3 um at
room temperature. The spectra obtained led to a con-
clusion that, in this case, the nanoisland dimensions
were rather small, which could be explained either by a
partial reevaporation of indium atoms during the first
deposition cycle performed by the SMSE method
(which resulted in a considerable decrease of the nom-

TECHNICAL PHYSICS LETTERS  Vol. 26

inal thickness of the InAs layer) or by the pronounced
migration of adatoms during rather long (10 s) pauses
between the cycles of indium deposition.

To elucidate the situation, we grew a series of mul-
tilayer structures with modified growth parameters. An
increase of the InAs content in each of the quantum-dot
layers up to three monolayers resulted in the shift of the
fluorescence maximum toward the long-wavelength
range. However, this shift was accompanied by a dras-
tic decrease of the photoluminescence yield in compar-
ison with that observed for the previous structure. Thus,
in this case, theisland dimensions exceeded the critical
volume of the formation of misfit dislocations, which
resulted in arather poor crystallographic quality of the
structure.

A quite different situation was observed for amulti-
layer structure, inwhich a0.5-ML-thick InAslayer was
deposited by the MBE method, whereas al the other
deposition cycles were performed by the SMSE
method (altogether 2.5 InAs monolayers in each quan-
tum-dot layer). Figure 2 shows the photoluminescence
spectra for the singular and vicinal (7° misorientation
along the [010] and [011] directions) samples mea-
sured at 77 and 300 K. The spectra of photolumines-
cence at 77 K are characterized by peaks in the region
of 1.0-1.2 eV and exhibit a characteristic shift toward
the short-wavelength range for the vicinal samples[10].

The coexistence of several peaksin the above spec-
tra may be caused by several factors, including the
existence of several groups of quantum dots of different
dimensions, the possible formation of ensembles of
guantum dots in the upper layers because of the lateral
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Fig. 2. Photoluminescence spectra measured a 77 and
300K for the structures consisting of 2.5 ML-thick quan-
tum-dot InAs layers grown by the combined MBE + SMSE
method [0.5 ML (MBE) + 2.0 ML (SMSE)] on the singular
andvicinal (7° misorientation along the[010] and [011] direc-
tions) substrates. The thickness of a GaAs spacer is 8 nm.

merging of neighboring quantum dots [11], or by the
contribution of photoluminescence of the excited states
of quantum dots, which is confirmed by achangein the
spectrum shape at lower excitation levels. The room-
temperature photoluminescence peak for a singular
sampleislocated at 1.3 um; the maximafor the vicinal
samplesarelocated at 1.20-1.25 um, whichisalso con-
sistent with the photoluminescence data obtained at
77 K. A relatively small decrease of the emission inten-
sity (by afactor of 10 to 20) upon the transition from 77
to 300 K indicates arather high quality of the structures
grown on both singular and vicinal substrates.

The computer simulation data[12] show that evolu-
tion of the island dimensions can proceed according to
the following scenarios: (a) a decrease in the density
with simultaneous increase in the isand dimensionsin
the upper layers, (b) nucleation of new idands in the
upper layers, (c) preservation of the island density in
various layers depending on the mutual location of the
isands in the initial layer and in the spacer bulk. The
variation in the optical properties of the structures
grown confirms the critical influence of the growth
parameters and the amount of deposited InAs on the
evolution of the system of quantum dots in the multi-
layer structures.
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Thus, we have shown that the use of the multilayer
structure of quantum dots in the heteroepitaxial
INAS/GaAs system as an active region provides for the
emission at a wavelength of 1.3 um at room tempera-
ture. The quantum-dot layers were obtained by a com-
bination of the MBE and SM SE methods (the nominal
thickness of each layer was 2.5 ML). The study per-
formed has proved a considerable effect of the growth
parameters and the surface kinetic processes on the
optical properties of the structures grown. The geomet-
ric and optical properties of such multilayer structures
will be compared in a special publication.
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and Crystallization Super cooling of L ead
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Abstract—The kinetics of lead melting and solidification were studied by the method of ballistic thermal anal-
ysis (BTA). It was established for the first time that the melting process involves three stages of fusion at T, 4,
T.o, and T, 3, with the temperature differences T, — T ; = 0.3+ 0.05K and T 3 — T;, = 0.6 £ 0.1 K. The corre-
sponding specific enthalpies of fusion are H; = H, = (0.4 + 0.05)H and H5 = (0.15 + 0.05)H, where H = H; +
H, + Hj;. Crystallization always proceeds at a temperature equal to that of the first stage of fusion (Ts— T 4).

Accordingly, the crystallization supercooling of the melt exhibits discrete variation: AT, =0, AT, =0.06 +
0.02 K, and AT, = 3 + 0.5 K after the first, second, and third stage, respectively. Overheating of the melt
toAT*= 22 + 2 K is accompanied by the maximum supercooling AT, = 4 + 0.2 K. © 2000 MAIK

“ Nauka/Interperiodica” .

In practice, almost all substances exhibit various
anomaliesin their physical and mechanical properties
in the vicinity of their melting temperatures, which
are inherent in the nature of these substances, rather
than brought about by impurities and technological
factors[1]. Thereisaspecial direction of investigations
called the physics of smeared phasetransitions[2]. Itis
now commonly accepted that the melting process also
proceeds within a certain interval of temperatures
rather than at asingle “melting point”.

It was reported that various substances exhibit adis-
crete character of fusion [3—7]. For example, the melt-
ing of gallium single crystals involves four stages of
fusion with the temperature differences 0.024, 0.0054,
and 0.036 K [8]. However, no estimates were reported
for the specific enthalpies of fusion of the separate
stages of such melting processes, even when their mul-
tistage nature was established with certainty. Nor were
any experimental data presented or theoretical hypoth-
eses formulated concerning the temperature of crystal-
lization in the systems with multistage fusion.

Another point of discussion is a possible effect of
the temperature of melt overheating (AT*) and the dis-
crete character of fusion on the values of crystallization
supercooling AT-[9].

All thisindicates that real melting and solidification
processes are much more complicated than their exist-
ing theoretical models. Therefore, new experimental
methods should be developed and new experimental
data obtained in order to formulate a new general theo-
retical model of melting and solidification. Before pro-
ceeding to investigations of the behavior of complex
and multicomponent systems, we have to formulate
clear concepts concerning processes occurring in sim-

ple compounds and single-component substances, the
more so that many of such substancesare used in apure
form or serve abase for various materials.

An example of widely spread substances of this
kind is offered by lead (Pb). There are very few dataon
the kinetics of melting and solidification of this metal,
but is was reported that various physical and mechani-
cal characteristics of lead exhibited anomal ous changes
in the region of temperatures corresponding to transi-
tionsto theliquid (T,) and solid (Ty) state. Thisis prob-
ably explained by the fact that the“ anomalous’ temper-
ature region is rather narrow and the values of crystal-
lization supercooling are small.

Below we report on the results of investigation of
the melting and solidification kinetics of Pb by the
method of ballistic thermal analysis (BTA) described
in[3-6]. The experiments were performed using Pb
samples of various purity grades, from technical to ana-
Iytical. The samples of lead weighing 1-2 g were
melted in alundum crucibles with a diameter of 7 mm
and a height of 10 mm. The BTA diagrams were mea-
sured in air, and recorded at a chart velocity of 240 and
2400 mm/h. The temperature was determined with the
aid of chromel-alumel and chromel—constantan ther-
mocouples connected to a K SP-4 el ectronic potentiom-
eter—recorder with a voltage scale of 20 or 1 mV (for
the preliminary and precise measurements, respec-
tively). A compensation potentiometer PPTV-1 con-
nected in parallel to the thermocouples allowed the
sample fusion temperatures to be measured in the mid-
dle of the recorder scale.

The sample heating and cooling was performed in a
linear temperature variation mode with equal velocities
of 0.0015-0.008 K/s. Each sample was measured under
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identical conditions in several tens of thermal cycles,
after which the results were processed and generalized
BTA diagramswere constructed (seefigure). In thefirst
series of experiments, the BTA curves were recorded
on a Pb sample overheated and supercooled within
50-100 K above and below the melting temperature,
respectively, using a 20-mV potentiometer—recorder.
In the second series, the thermograms were measured
inanarrow rangeof T, =324 + 12 K and recorded with
a 1-mV instrument. A generalized BTA diagram
depicted in the figure shows the characteristic tempera-
tures obtained by statistical averaging.

It was established for the first time that the melting
process involves three stages of fusionat T, ;, T,», and
T.3, With the temperature differences between stages
TL2 _TLl = 03 i 005 K and TL3 _TL2 = 06 i 01 K

After the first stage of fusion, whereby the metal is
heatedto T, ; < T< T|,, the sample exhibits equilibrium
crystallization without supercooling (AT, = 0. Upon
the second stage of fusion at T, < T < T, 5, the process
of solidification proceeds at avery low supercooling of

AT, =0.06 + 0.02 K. Upon fusion in the third stage at
T 3< T < T4, thecrystalization supercooling increases

inajumplike manner to AT; =3+ 0.5K.

Upon heating the sample to elevated temperatures,
with an overheatingto about AT* =T, ,— T 3=20£ 2K,
the melt apparently features some additional structural
changes, as evidenced by the crystallization supercool-
ing increasing in a jumplike manner again to reach
AT, = 4 £ 0.2 K. The BTA diagrams exhibited no
endothermal effects in this temperature region,
although a weakly pronounced nonlinearity was
observed. A further increase in AT* was not accompa-
nied by changesin AT-. The onset of solidificationin a
supercooled melt always exhibited an explosion-like

TECHNICAL PHYSICS LETTERS Vol. 26 No. 5

character. The discrete (rather than continuous) varia-
tion of AT~ with AT* observed in Pb was aso reported
for other substances [3—-7]. It was found that a super-

cooled Pb solutionat T=T,—AT, may occur inthelig-
uid state for an arbitrary long time, so that this state
cannot be considered as metastable.

The above resultsindicate that processesinvolvedin
the melting— solidification cycle in Pb has a hysteresis
character, similarly to changes in many other physical
characteristics of substancesin theregion of phasetran-
sitions[1, 2].

X-ray diffraction measurements performed in the
melts of many substances in the temperature intervals
significantly above their melting temperatures revealed
structural changes not observed by thermoanaytical
methods [12, 13]. Nevertheless, these structura
changes in the melts are known to significantly influ-
ence the kinetics of solidification and the values of
crystallization supercooling AT-[12].

By measuring the duration of melting and solidifica-
tion processes (the length of horizontal plateaus), it is
possible to determine (provided equal rates of heating
and cooling) relative changesin the enthalpies of fusion
at each stage and the corresponding enthal pies of solid-
ification upon each fusion stage. As seen in the figure,
the time of fusion in the first stage (t, —t;) was equal to
the corresponding time of solidification (1, — ;). Dura-
tions of the first and second fusion stages were approx-
imately the same (t, —t; =t, —t3), but the time of solid-
ification upon the second fusion stage was equal to the
total time of fusion in the first two stages: 1, — T3 =
(t, —t) + (t, —t3). Thetime of fusion in the third stage
(t; — t5) did not exceed half that in the first or second
stage: t, —t; 0 2(tg — ts5). The time of solidification upon
the third fusion stage was equal to the total time of
fusion in the all three stages. 14— 15 = (t, — t;) + (t; —
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t3) + (t; — ts). As the degree of melt overheating was
increased further, the duration of solidification
remained unchanged (T — 15 = Tg — T,). Relative values
of the corresponding specific enthal pies of fusion were
H,=H,=(0.4£0.05)H and H; = (0.15 + 0.05)H, where
H=H,; +H,+H,.

It was reliably established for the first time that
solidification of the melt upon any crystallization
supercooling always proceeds at atemperature equal to
the temperaturein thefirst stage: Ts= T, ;.

In the BTA diagrams, the process of fusion is usu-
ally smeared over acertain temperatureinterval. Thisis
explained by the fact that, in the course of continuous
heating, the sample inevitably features considerable
temperature gradients. Therefore, there are different
temperatures at various points, while the thermocouple
provides a value averaged over certain volume. In the
course of BTA measurements, a maximum temperature
of heating in each subsequent cycle is determined to
within afew tenths of adegree and the temperature gra-
dients at the extremal points are equal to zero. Thiscir-
cumstance allowed the discrete character of fusion to
be established with confidence and the crystallization
temperature to be determined with high precision.
Based on the results of BTA measurements in Pb and
some other substances [3—7], we may ascertain that the
scatter of experimental AT~ values is related to a ran-
dom arrangement of the primary crystallization centers
on the sample surface (upon every fusion stage) relative
to the thermocouple junction even at AT- = const.

The discrete character of fusion and jumplike varia-
tion of the crystallization supercooling cannot be
explained from the standpoint of conventional molecu-
lar models of liquid involving spherically-symmetric
interactions and classical motions (which do not at all
feature “solidification” as such [14]). It was repeatedly
suggested that a “pulsation” character of the crystalli-
zation mechanismisaprincipal property inherent inthe
liquid—solid phase transition [1, 15].

In the solid state, the bond energiesin a crystal lat-
tice are different along various axes and their rupture
must take place at different temperatures. There were
numerous attempts to explain the observed phenomena
from the standpoint of quantum physics, considering
“solidification as a jumplike transition into a quantum
state” [14, 15], but no consistent theoretical concepts
have been devel oped.

TECHNICAL PHYSICS LETTERS  Vol. 26
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The possibility of a*“pulsation” mechanism of crys-
tallization “occurring at a hurricane rate” was origi-
nally suggested as long ago asin 1915 by academician
B.S. Fedorov [16].

In closing, it should be noted that numerous experi-
mental data reported in literature on the kinetics of
melting and solidification indicate that the existing
molecular-diffusion theories of nucleation and crystal-
lization do not adequately reflect real physical pro-
cesses. Therefore, new approaches have to be devel-
oped to rationalize these data.
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Abstract—Atomic collision cascades developed in an Al/Ni system, comprising a monolayer of Al atoms on
the Ni(100) single crystal face bombarded at normal incidence by 25- or 50-eV Ar and Xe atoms, were simu-
lated by means of molecular dynamics. It is shown that the number of Al atoms relocated within the first layer
of the Al/Ni crystal markedly exceeds the number of analogous relocations in a nickel single crystal, which is
explained by differencesin the number of vacanciesin thefirst layer of two systems, and in the | attice constants

of Al and Ni. © 2000 MAIK “ Nauka/l nterperiodica” .

In this work, we have compared the results of
molecular dynamics simulation of the process of defect
formationin (i) atwo-layer crystal comprising amono-
layer of Al atoms on the Ni(100) single crystal surface
and (ii) aNi single crystal with the same surface orien-
tation bombarded at 300 K by 25- and 50-eV Ar and Xe
atoms at anormal incidence.

The modeling was performed for the nickel and
Al/Ni crystals containing 4032 and 3944 atoms, respec-
tively, both systems comprising 14 atomic layers. Inthe
Al/Ni crystal, two rows of Al atoms obeying periodic
boundary conditions were excluded along the perime-
ter of the uppermost atomic layer in order to avoid non-
physical reconstruction of the Al monolayer [2]. In the
two-layer structure studied, Al atoms in the surface
layer repeated the lattice order of the Ni(100) substrate
(in the absence of interactions with incident ions).
Interactions between atoms in the crystals were
described in terms of a many-body potential [3]
matched at high energies with the ZBL potential [4],
the latter used to describe the ion—atom collisions as
well. The ambient temperature was modeled by a
boundary layer on the side and rear surfaces of the crys-
tal, which had a constant (room) temperature and
absorbed the energy delivered with incident ions [5].
The interstitial atoms and vacancies generated by the

ion bombardment were determined using an algorithm
proposed in [6]. Theinitial coordinates of ions striking
the target surface within a given elementary region [7]
were calculated based on the law of random numbers.
All simulations involved 200 collision cascades. Each
cascade was traced in the initial crystal during 4 ps.

Tables 1 and 2 present data on the numbers (aver-
aged over al the experimenta runs) of the surface
(N, 9 and volume (N, ,) vacancies, interstitial atoms
(N;,), radiation-induced adatoms (N, and atoms | eav-
ing their Wigner—Seitz (WS) cells (Nys) for the Al/Ni
and Ni crystals after a 4-ps collision cascade evolution.
In Table 1, values in the numerator and denominator
refer to the Al monolayer and the Ni substrate of the
Al/Ni crystal, respectively. As seen from these data, the
number of atoms (N,s) relocated in the substrate of the
Al/Ni system differs only dlightly from that in the Ni
crystal. At the same time, the number of relocations of
Al atoms in the surface layer of the former system is,
provided the same bombardment conditions, 2-6 times
that in the uppermost layer of the Ni crystal, depending
on the projectile type and energy. Determined using the
N4 and Ny values presented in Table 1 and taking into
account the results of our model calculations (not
reported in this paper) for the number of Al atomsrelo-
cated into bulk of the Al/Ni crystal, the number of Al

Table 1. Average numbers of point defects per cascade formed in atwo-layer Al/Ni crystal

Al/Ni Nws Ny, s Ny, v Nin Nag
Ar 25¢eV 2.15/0.34 1.02 0.0 0.0 0.95/0.0
50 eV 8.59/3.14 2.57 0.02 0.025/0.06 2.19/0.01
Xe 25¢eV 2.47/0.6 1.06 0.01 0.0 0.95/0.0
50 eV 10.6/3.37 3.04 0.06 0.005/0.015 2.89/0.025

1063-7850/00/2605-0429%$20.00 © 2000 MAIK “Nauka/Interperiodica’
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Fig. 1. Variation of the number A of various defects with
time during the cascade devel opment (averaged) inaNi sin-
gle crystal bombarded with 50-eV Ar (1, 3, 4, 5) and Xe (2,
6, 7, 8) atoms: (1, 2) radiation-induced adatoms; (3, 6) sur-
face vacancies; (4, 7) bulk vacancies; (5, 8) interstitial
atoms.

atoms displaced out of their WS cells along the surface
(i.e., not passing into the substrate or adlayer) was 0.91
or 5.25 (1.02 or 6.2) relocations per ion for the bom-
bardment with Ar (Xe) ionswith the primary energy 25
and 50 eV, respectively. The data of Table 2 indicate
that the number of analogous lateral relocations in the
uppermost layer of Ni atoms is severa times lower,
since the total number of relocations Nyyg is compara-
tively small.

As seen, the type of bombarding ions rather insig-
nificantly affected the number of lateral relocations of
Al atoms in the surface layer of the AI/Ni crystal,
because the work required for these displacements is
determined primarily by the number of surface vacan-
cies weakly dependent (see Table 1) on the ion type.
Study of the surface of the model Al/Ni crystal upon
decay of the collision cascade revealed the following
pattern: the region where a projectile struck the first
atomic layer exhibited local atomic rearrangement
involving a considerable number of atoms. This recon-

Table 2. Average numbers of point defects per cascade
formed in aNi single crystal

Ni NWS Nv,s Nv,v Nin Nad

Ar | 25ev | 039 | 013 | 00 0.0 0.13
50ev | 288 | 063 | 005 | 012 | 052

Xe |25ev| 081 | 025 | 001 | 0.0 0.26
50evV | 332 | 0.71 0.0 021 | 048
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Fig. 2. Variation of the number A of various defects with
time during the cascade development (averaged) in a two-
layer Al/Ni crystal bombarded with 50-eV Ar (1, 3, 4, 5) and
Xe (2, 6, 7, 8) atoms: (1, 2) radiation-induced adatoms;
(3, 6) surface vacancies in the Al monolayer; (4, 7) bulk
vacanciesin the Ni substrate; (5, 8) interstitial Ni atoms.

struction, caused by a significant difference of the lat-
tice constants of aluminum (4.05 A) and nickel
(352 A), becomes possible dueto afree room of 1-3 sur-
face vacancies per cascade formed by the incident ion.
Note that the edge rows of Al atoms on the periphery of
the first atomic layers remained unchanged. No such
effect was took place in the Ni crystal, as confirmed by
the small Ny,s and N, s valuesin Table 2.

The results of our model calculations of the atomic
mean sguare displacements (MSDs) in the WS cells
were aso indicative of large lateral shiftsof Al atomsin
the first layer. For the Al/Ni crystal bombarded by Ar
and Xe ions with an energy of 25 eV, the MSD values
of Al atoms in the first layer were 5.3 and 5.4 A2,
respectively, whereas the lateral shifts of Ni atoms in
the (100) plane of the Ni crystal (adatoms not taken into
account) bombarded at the same energy were 0.93 and
1.8 A2, respectively. The lateral displacements, aswell
as the corresponding N,y values, for the Ni crystal and
the substrate layers of the AI/Ni system differ rather
insignificantly. For the Ar and Xe ions with an energy
of 50 eV, the MSD values of Al atomsin thefirst layer
were 28.7 and 34.2 A2, whereas the lateral shifts of Ni
atoms for the collision cascades in the Ni crystal (ada-
toms not taken into account) were 7.9 and 9.0 A2,
respectively.

Figures 1 and 2 present data (averaged over all the
experimental runs) describing variation of the number
of various defects with the time of cascade develop-
ment in Ni and Al/Ni crystals bombarded with 50-eV
Ar and Xeions. Asis seen from these curves, the num-
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ber of point defects of various types in the Ni crystal
and in the substrate of the Al/Ni system decreases to
lessthan half after the cascade evolution for 0.5-0.7 ps.
At the same time, the numbers of surface vacancies and
Al adatoms in the Al/Ni crystal (Fig. 2) reach maxi-
mum values within the first picosecond of the cascade
evolution and decrease rather insignificantly during
subsequent relaxation. Note that the surface vacancies
in Al/Ni exhibit, irrespective of the ion type, a wavy
instability after thefirst picosecond. Thisfeatureisevi-
dence of a low-energy character of the process of Al
atom passage near the initial lattice sites. Qualitatively
similar patterns of the formation of Al adatoms and sur-
face vacanciesin Al/Ni were abtained for an ion energy
of 25 eV.

A differencein the character of time variation of the
number of surface defects during the cascade develop-
ment in Al/Ni, on the one hand, and the behavior of
bulk defects in the nickel substrate of this system, as
well asthe defectsin the Ni single crystal, on the other
hand, is also related to local changes in the atomic
structure of Al monolayer intheAl/Ni crystal. Thispro-
cess is not accompanied by a development of the inter-
atomic forces capable of returning the system to the
pre-existing surface structure. Nor does it lead to the
effective recombination of the surface vacancies and
adatomsin the Al/Ni crystal.

The results of modeling also indicate that the num-
ber of interstitial atoms formed as aresult of bombard-
ment with 50-eV Ar ionsislower by afactor of 4-10in
the Al/Ni crystal than in the Ni single crystal. Appar-
ently, the presence of a monolayer of Al atoms on the

TECHNICAL PHYSICS LETTERS Vol. 26 No. 5
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nickel substrate hinders the energy transfer into the
bulk of the crystal, thus reducing the probability of the
displacement collision sequence production-the main
mechanism leading to the formation of sableinterstitial
atoms, and results predominantly in the compensated
atomic relocations. In cases when bulk vacancies and
interstitial Ni atoms were retained upon a 4-ps cascade
evolution in the Ni or Al/Ni crystal, these defects were
separated with respect to depth, occurring in the
2nd-3rd and 5th-10th layers, respectively. Intertitial
Al atomsin the Al/Ni crystal after a 4-ps cascade evo-
[ution were observed only in thefirst two atomic layers.
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Abstract—A model describing aturbulent vortex breakdown in terms of the transition from right-handed heli-
cal slender vortex to |eft-handed annular vortex is proposed. The results offer a new approach to the phenome-
non of vortex breakdown considered from the standpoint of spontaneous changesin the topology and symmetry
of the vorticity field. © 2000 MAIK “ Nauka/Interperiodica” .

The phenomenon of vortex breakdown was exten-
sively studied in the case of swirling flowsin tubes. The
flows with the moderate Reynolds number (below
35000) exhibit well-known bubble, helix, and double-
helix types of the breakdown [1]. Experiments with
flows in the range of greater Reynolds numbers
(100000—300000) [2, 3] revealed a new type of the
turbulent vortex breakdown, whereby the flow behind
the breakdown region comprises several helices rotat-
ing at a very high speed. For Re > 200000, the helices
tend to contract and the breakdown pattern resembles
an axisymmetric contour with hollow core. Analysis of
adiagram of distribution of the azimuthal vorticity com-
ponent, and of the velocity profiles measured in various
cross-sections of the working region of thetube[3], indi-
cate that the breakdown was preceded by the appear-
ance of acircular columnar slender vortex transformed
into an annular vortex (aring vortex with hollow core).
This implies that not only the vortex topology varies,
which is characteristic of all the breakdown types pre-
viously known, but the vorticity field topology changes
aswell.

The purpose of this work was to study the possibil-
ity of describing this new form of vortex breakdown as
the transition from right-handed helical slender vortex
to left-handed annular vortex (Fig. 1b) by analogy with
a description developed previously [4, 5] for the break-
down of other types, not involving changes in the vor-
ticity field topology (Fig. 1a).

For a more accurate description of the average flow
characteristicsin the region behind the turbulent vortex
breakdown, we will use a model of the annular helical
vortex with a constant axial vorticity component distri-
butionintheringro—€ <r <r + ¢ [6] and generalize
this model to the case of smooth distribution:

2

r(r—rgp)

f(r,e,ry) = (1)
° (r—r )2+s2
Mo d—-rq dd
+ earctanD e D+ arctanDeD

Integrating equation (1) restores the tangential and
axial velocity profiles:

- r —r
w, = C r(r—zr‘))2+—°arctan6T %
Fl(r—ro)"+e" E €
o g ()
+ =2 arctanD D}

_ r
W, = Wo—7We.

Figure 2 shows an approximation of the velocity

(@)
1 3

(R

Fig. 1. Schematic diagrams illustrating the helical symme-
try and topology of the vorticity field for breakdown of the
(a) slender and (b) annular cone types: (1) left-hand vortex;
(2) right-hand vortex; (3) breakdown region.
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Fig. 2. Profiles of the axial and azimuthal velocity components (a) before and (b) after the breakdown at Re = 230000. Open and
black circles show experimental data[2], solid curves represent the approximation by equations(2), and dashed curvesare cal culated

by the conservation equations (3).

profiles measured in [ 3] by the curves calculated within
the framework of a mode described by equations (2)
with the parameters listed in the table. Here, I' charac-
terizes the vortex circulation, rg is the median radius of
the ring layer of concentrated vorticity, 2¢ is the width
of this circular region, 2 is the pitch of the vortex
lines, wy and p, are the vel ocity and pressure at the axis,
and r is the current radius measured from the axis. As
seen from this figure, the model agrees well with the
averaged experimental velocities in the cross-sections
at maximum distance from the reign of breakdown—
despite the fact that equations (2) represent an exact
solution to the Euler equations. As expected, the char-
acter of flow in front of the breakdown region is well
described by the model of the slender vortex (r, = 0).

Following the approach developed in [4, 5], we will
consider the possibility of vortex breakdown from the
standpoint of existence of various vortex structures
having the same integral characteristics of the flow:

(flow rate)
R

Q = 2mpfw,rdr
!

TECHNICAL PHYSICS LETTERS Vol. 26 No. 5

(rate circulation)
G = Rwy(R)

(axial flux of momentum moment)
R

L = 2an'w¢er2dr
0
(axial flux of momentum)

R
— O - Efwi polL]
J = 2TthENZ + B’—G—do+ E%rdr 3
0 0

(axial flux of energy)

R
m2+w? 0wl poLL
E = 2mp[=—=—2 + [[—2do + =[Tw,rdr.
{D 2 50 PO °

Due to insufficient experimental data for evaluation of
the energy losses for viscous effects and turbulent pul-
sations according to the conservation laws (3), the con-
sideration below will be restricted to the case of ideal
fluid. However, because the number of vortex parame-

2000



434

Parameters of velocity profiles described by equations (2)

MURAKHTINA, OKULOV

Vortex structure parameters r Wy I € ro Po
Before breakdown | Approximation 0.18 2.6 0.10* 0.5 0 0
and calculation
Approximation 0.05 0.02 -0.20* 0.19 0.24 -
After breakdown .
Calculation 0.03 -0.69 -0.08* 0.24 0.44 5.46
Note: * Positive and negative | values refer to the left- and right-hand helical vortex, respectively.
tersincreased in comparison with that used previously  respect to these parameters:
[4, 5], even this simplification would require one more
equation to be added to the conservation laws for Q, G, Wo(e, 1) J _ W(e, ro)Q nr(S, ro)’ K2(e, 1)
L, J, and E. This equation was derived by taking into EARGR 2 2 I(e 0

account that the Bernoulli constant of the steady-state
flow in a nonviscous fluid remains unchanged, both
along the current lines (providing conservation of the
axial energy flux component E) and along the vortex
lines. Therefore, the additional characteristic is pro-
vided by the corresponding axial energy flux compo-
nent

2 2

d
B = ZHpI%N—+ 5W¢d0+ pOD[w rdr.

P @

Thus, we have the necessary number of conservation
laws and may solve the task of determining the possible
vortex structure parametersfor the samevaluesof Q, G,
L, J, E, and B. Substituting (1) and (2) into (3) and (4),
we obtain asystem of equations with respect to the vor-
tex variablesT, 1, €, ry, Wy, and py. Expressing wy, I, T,
and p, explicitly as functions of € and r,

Qr (g, ro)k2(g, ro) —Lk1(g, rp)
T (g, o) (K2(€, 1) —K1(g, ro)°)

Wo(&, To) =

k2(g, 1o) —K1(€, 1)’
L—Qr (g, ro)kl(e)’

(g, ry) = T (g, 1p)

(e ry) = %(s)
Po(€, To) = 121_1_]'-[

x[wo(s, rO)Q+ + 21 (g, 1) K 1(e, ro)}

L
(10)

we reduce the initial system to two equations with

TECHNICAL PHYSICS LETTERS  Vol. 26

(g, ry)
I(g, 1)

+ 1T (g, 1) °KA(E, ro)} + 10

X [po(s, ro)KL(g, o) + T (€, 1o) °K5(, ro)

F(E, o)
2I(e ro)

A

810 3 1) + 27 (e, ro) K 2Ae, ro)} - g0

oM (e, ro)sz[(wé(s, o) + 2DoE, 1) )KB(E, o)

(e ro)
I(€, To)

+ 21 (g, ro)€°[T (€, o) (KO(E, ro)
+2K3(g, ry))] = B.

(g, ro)
k7 —k
(81 r.O)+ I( ) 8( ’ 0)i|

+ 2wW(e, rp)

£, 1,

Here

1

KO(e, ro) = (1,2 10); Ki(e, ro) = 2[xf(x,, ro)oi;

1

k2(g, ry) = 2J’xf(x, g, ro)zdx;
0

1

k3(e, 1) = 2Ixf(x, g, 1o dx;

Ka(e, To) = f—f L

0

dx;
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1

f(x, s,ro)3
k5(g, rg) = [———dx;
=5

k6(e, ro) = Iﬁdx,
o€+ (X=r0)7]
; xf(X, €, rp)

k7(e,rg) = [————dx;

e

K8(e, To) = e’
1

0

dx;

f(x, € rg)°

x[€%+ (x=r0)’]

1
KI(E, rg) = J’ 5dx;

0
1

Kil(g, ry) = IxP(x, g, ro)dx;
0

1

K2(g, ry) = IxP(x, g, ro) f(X € ro)dx;

1
K3(g, ro) = I—————-——————XP(X’ £.1o) Sdx;

o[€2+ (x=To)’]

) f(s & r )2
P(X, € Iy = I%ds,

0

andf(r, €, ry) isthefunction determined by equation (1).
By the quantities I', I, €, and r, we imply their dimen-
sionless combinations (MR)U, I/R, €/R, ry/R, wy/U,
(Po/P)U?, where R is the tube cross-section at the
entrance of the working region, U is the rate-average
flow velocity in this cross-section, and p is the fluid
density. DimensionlessintegralsQ, G, L, J, E,and Bare
represented by the quantities (Q/p)UR?, (G/R)U,
(L/p)U?RS, (J/p)U%R?, (E/p)UsR?, and (B/p)USR.
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Analysis of the system of equation (5) showed that
there are two roots in the permissible variation range of
the parameterse (0<e<1)andry,(0<ry<1). Thevor-
tex parameters cal culated for thefirst root coincide with
the values before breakdown, and the second root cor-
responds to the structure after breakdown (see table).
The calculated and experimental profiles of the axial
and azimuthal velocity components are compared in
Fig. 2. Theresults of the cal culation show a satisfactory
agreement with the experiment, taking into account that
the model employed did not allow either for variations
of the integral flow characteristics related to small
changes of the tube geometry in the working region nor
for the losses due to viscosity (friction) or turbulent
pulsations.

Thus, we have established for the first time the pres-
ence of helical symmetry for the vorticity field in the
flows featuring turbulent vortex breakdown. The new
type of breakdown was modeled by the transition from
aright-handed column-like helical slender vortex to the
left-handed divergent annular vortex under conditions
of fixed integral flow characteristics. The results of
modeling qualitatively agree with experiment [2, 3] and
confirm interpretation of the vortex breakdown [4] asa
sudden mirror change in orientation of the helix lines
forming a core of the vortex structure.
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Abstract—Mechanical activation strongly influences the sintering of pressed articles made of apowdered tita-
nium-nickel alloy and its compositions with dental porcelain. Preliminary treatment of the powdered mixtures
in aplanetary ball mill suppresses the martensite transformation and removes anisotropy in the variation of lin-
ear dimensions of the pressings. The resulting samples exhibit, instead of avolume expansion related to the rup-
ture of contacts between particles in the course of the reverse martensite transformation, a sintering-induced
shrinkage whose extent increases with the sintering temperature and the duration of mechanical activation treat-

ment. © 2000 MAIK “ Nauka/Interperiodica” .

Porous (permeable) materials and articles made of
titanium-nickel (TiNi) alloys are now frequently used
in medicine as materials replacing defectsin human tis-
sues, matrices for xenotransplantation, etc. [1]. These
materials and articles are usually obtained by self-
propagating high-temperature synthesis or by methods
of powder metalurgy [1, 2].

However, the sintering of porous materials made of
TiNi powders encounters certain problems related to a
considerable volume expansion of pressings with
increasing sintering temperature: the article volume
increases on heating to 400°C, remains unchanged in
the 400-1000°C interval, and beginsto decrease only at
1100°C and above[3, 4]. Moreover, variation of thelin-
ear dimensions of cylindrical TiNi pressings upon sin-
tering was characterized by a sharp anisotropy: an
increase in the diameter of samples was severa times
smaller than agrowth intheir height. Thesefeaturesare
explained by the reverse martensite transformation
beginning at room temperature immediately upon the
load release after pressing and continuing in the course
of heating (sintering). As aresult, the contacts between
powder particles are broken in the course of an inten-
sive volume increase. This behavior significantly com-
plicates the obtaining of porous materials and articles
with a preset shape for medical purposes.

Asisknown, astrong plastic deformation leading to
the formation of submicrocrystalline or amorphous
structureis capable of suppressing the martensite trans-
formationin TiNi aloys[5, 6]. It was expected that the
mechanical activation of these materialsin high-energy
apparatuses, resulting in a considerable plastic defor-
mation of the TiNi powder particles, would also sup-

press the martensite transformation and lead to consid-
erable shrinkage of the pressings.

In order to verify this hypothesis, we have studied
the effect of mechanical activation on the sintering
behavior of pressed articles made of a 45% Ti—55% Ni
aloy powder (PN55T45 grade, TU 14-127-104-78
standard, Tulachermet Company, Tula, Russia) with a
particle size of 10-45 um and of amixture of thismate-
rial with dental porcelain (Gamma composition, TU
64-2-268-78 standard, Medical Polymer Plant,
St. Petersburg, Russia).

Theinitial powders were mechanically activated by
treatment in planetary ball mills of the MPV (water
cooled; gasoline medium) and M-3 (air cooled; air
atmosphere) types. Both mills have 1000 cm?® steel
drums filled with 0.3-0.4-cm-diam steel balls. The ball
to powder weight ratio was 20 : 1. The effective energy
stress factor was 12, 30, or 60 g in the MPV mill and
45 g in the M-3 mill. The activation treatment duration
was varied within 1-30 min.

Pressings made of the mechanically activated pow-
ders had the shape of cylinders with a diameter of
7-8 mm, aheight of 10-11 mm, and an initial porosity
of 41-44%. For the comparison, control samples were
made of the initial (nonactivated) powders. The press-
ings were mounted in the working chamber of an
SNVE 1.3.1/16I Ch furnace and sintered in a vacuum of
133 x 10 Pafor 2 h at various temperatures in the
1000-1170°C interval.

Changes in the volume and linear dimensions of
pressings upon sintering were characterized by the fol-
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height and diameter of samples and V, h, and d are the
final values of these parameters. Positive and negative
values of the parameters correspond to shrinkage and
expansion of the pressings upon sintering, respectively.

, Where V,, hy, and d, are the initial volume,

The X-ray diffraction measurements were per-
formed in a10-110° range of angles on a DRON-3 dif-
fractometer using filtered CuK, radiation (accelerating
voltage, 32 kV; anode current, 22 mA).

Sintering of the pressings made of a nonactivated
TiNi powder led to a growth in the material porosity
(see table). This resulted in increasing volume
(18-20%), diameter (2—-2.5%), and height (14-15%) of
the cylindrical samples (see Figs. 1, 2, and the table).
The sharply anisotropic change of the linear dimen-
sions of sintered samples is related to a considerable
expansion of the material in the direction of pressing.

As the effective energy stress factor increases, the
volume expansion of samples pressed from a powder
activated for a short time (0.5 or 1 min) decreases and
changesto shrinkage (Fig. 1, curves 1 and 2), while the
samples made of powders treated for a sufficiently log
time (10 and 15 min) exhibit shrinkage from the very
beginning of sintering (Fig. 1, curves 3 and 4). The
extent of shrinkage continuously increases with the
duration of mechanical activation and sintering temper-
ature (see Figs. 1, 2, and the table). Moreover, the
anisotropy in the change of linear dimensions also dis-
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Fig. 1. Plots of the relative sample volume change AV/V,
upon a2-h sintering at 1150°C versus effective energy stress
factor Wfor the pressingsof TiNi powder mechanically acti-
vated for (1) 0.5, (2) 1, (3) 10, and (4) 15 min.

appears, as indicated by the anisotropy factor ?Th/ﬁ—d
0 0

approaching unity (table).

Similar resultswere observed upon mechanical acti-
vation of a porcelain Gamma-50 wt % TiNi composi-
tion (table). In contrast to a considerable increase in
porosity and linear dimensions of the initial (and the
more so, of the activated) porcelain powder upon sin-
tering, the samples made of the activated porcelain—
TiNi composition exhibited considerable shrinkage at a
virtually zero anisotropy of changes in the linear
dimensions (table).

Effect of mechanical activation on the porosity and linear dimensions of samples pressed from aTiNi powder and aporcelain

Gamma-50 wt % TiNi mixture

o o _ ) ) h Ad Anisotropy factor
Material tem%grt:tﬁpg o Initial ([)a/oorosty, Final %/oorosty, %0' % d_o’ % %D/ﬁ—d
o Yo
TiNi (initial) 1000 45 55 -15 -25 6.0
1100 46 55.5 -14.5 2.2 6.6
1150 44 54 -14 -2 7.0
TiNi (activated in gasoline 1000 45.1 42.7 14 16 0.9
a60g, 15 min) 1100 452 412 20 26 0.8
1150 44.8 195 11 12.4 0.9
Gamma (initial) 1000 41.1 59.2 214 -7.8 2.7
Gamma (activated at 45 g, 1000 39.5 779 —47.7 -33.6 14
30 min)
Gamma-50 wt % TiNi 1000 35 135 9.3 9.8 0.95
(activated at 45 g, 30 min)
TECHNICAL PHYSICS LETTERS Vol. 26 No. 5 2000
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Fig. 2. Effect of the duration of mechanical activation Ton
the (110)B2 X-ray diffraction linewidth B (curve 5) and the
relative volume change AV/V, of TiNi powder pressings

sintered at (1) 1000, (2) 1100, (3) 1150, and (4) 1170°C.

Analysis of the X-ray diffraction patterns showed
that increase in the duration of mechanical treatment
was accompanied by increasing width of the lines of
TiNi reflections (Fig. 2, curve 5). For the large activa-
tion times, the X-ray diffraction profile broadening was
so large that the lines raised only dlightly above the
background. A coarse estimate of the coherent scatter-
ing domain size by the Selyakov—Scherrer formula
indicated that a 5-30-min mechanical treatment led to
the formation of a submicroscopic structure with a
crystallite size of about 25 nm. This estimate agrees
quite well with the resultsreported in [ 7], where a 24-h

TECHNICAL PHYSICS LETTERS  Vol. 26

ITIN et al.

treatment of a TiNi powder in a ball mill led to the
structure with acrystallite size of 5-12 nm. Such afine-
crystalline structure is usually observed in the samples
upon strong plastic deformation (exceeding 90%),
which completely suppresses the martensite transfor-
mation.

Thus, it was established that the absence of reverse
martensite transformation and a highly defective struc-
ture formed upon the mechanica treatment signifi-
cantly activate the sintering process, provide consider-
able shrinkage of the pressings made of a TiNi alloy
and a porcelain Gamma-50 wt % TiNi mixture, and
fully eliminate anisotropy in the change of linear
dimensions. This facilitates the obtaining of porous
implants substituting damaged tissues with a preset
shape, size, and porosity.
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Abstract—The deposition of bismuth films under a residual gas pressure 1078 Pa results in the “metal-type”
variation of conductivity at low temperatures. Conductivity of the cross-shaped microstructures based on these
films exhibits the properties anal ogues to those of the ballistic electron transport in 2D systems. © 2000 MAIK

“Nauka/Interperiodica” .

Bismuth exhibits a long natural mean free path of
electrons, which makes it a promising material for the
investigation of quantum electric and magnetic phe-
nomena. The de Haas-van Alphen and Shubnikov—de
Haas effects, as well as the quantum effects in mesos-
copic thin-film conductors, were discovered in bis-
muth [1]. However, in contrast to the samples made
from thick crystals, bismuth films with a thickness of
20-100 nm exhibit considerable (sometimes several-
fold) increase in resistance upon cooling from room
temperature down to 4.2 K. Such films do not allow one
to use the natural advantages of bismuth in nanostruc-
tures.

As is known, the mean free path of electrons in
microstructures obtained under certain conditions can
be as high as 1500 nm at 4.2—100 K [2, 3]. Microstruc-
tures involving metal and semimetal films with such
long mean free paths of electrons are suitablefor inves-
tigating ballistic transport and quantum electric phe-
nomena. However, realizing this possibility necessi-
tates the study of the electric conductivity of bismuth
films obtained under different conditions. This situa-
tionissimilar to that with the heterostructures based on
A;Bs materials, where the long extensive complex stud-
ies of the mechanisms of growth and the relationships
between the real structure and the electronic properties
resulted in achieving the level s of el ectron mobility and
electric conductivity closeto thetheoretically predicted
ones. In this paper, we report on studies of the depen-
dence of the électric resistance and current—voltage
(I-V) characteristics of microstructures based on bis-
muth films on the conditions of film preparation in high
vacuum and on the technology of production of the
microstructures.

We used acommercially available VI-0000 bismuth
(the content of bismuth being not less than 99.9999%)

after degassing and remelting in vacuum at 108 Pa.

Bismuth films with athickness of 40-60 nm were pro-
duced by thermal evaporation in vacuum with various
residual gas pressures (10°-10-3 Pa) during the course
of deposition at arate of 1.5-3 nm/min. The filmswere
deposited onto SIO, or Si;N, surfaces on silicon that
were preliminarily cleaned by oxygen plasma. The
residual gas pressure before deposition was not worse
than 108 Pa. In addition, the substrates were annealed
at 200°C for 2 hin the same chamber under an ultrahigh
vacuum prior to deposition of the sample structures
through a mask. The temperature of annealing before
deposition was 100°C when the microstructures were
produced by the “lift off” electron lithography method.
The widths of the working area of the microstructures
produced by deposition through amask and by the elec-
tron lithography were 300 and 0.2—2 pum, respectively.
Each sampl e of the microstructures produced by means
of lithography contained strips of different thickness
for the comparative estimation of the influence of free
surfaces on the electron transport. A digital voltmeter
and a differential amplifier with an input resistance of
10° Q measured the electric resistance in the tempera-
ture interval 4.2-298 K at the current densities not
exceeding 10° A/cm?.

In order to produce the samples for transmission
electron microscopy (TEM), the substrates were sub-
jected to one-side penetrating anisotropic etching until
the formation of 100-nm-thick SiO, membranes on one
side of the silicon plate. The structure of deposited
films was studied by electron microscopy with the use
of the bright- and dark-field images [4].

Figure 1 shows the results of measurements of the
temperature dependence of the electric resistance of
bismuth microstructures with a thickness of 25-100
nm. The samples were grown under different residual
pressures of gases (10°-10= Pa) in a chamber of the
ultrahigh vacuum device by means of deposition
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Fig. 1. Temperature dependence of the relative electric
resistance in the structures of bismuth films with 300-pum
width of theworking part of the strip obtained by deposition
through a mask onto a substrate heated to 80-100°C under

different residual pressures of gases: (1) 1078 Pa; h=25nm;
(2) 10® Pa, h =60 nm; (3) 1074 Pa, h =60 nm; (4) >103 Pa,
h = 60 nm. Inset shows a scheme of the sample: h is the

thickness of the film and b is the width of the working part
of the strip.

through a mask onto a substrate heated to 80—110°C.
The electric resistance of the films grown at high resid-
ual gas pressure increases with decreasing temperature
(Fig. 1, curve 4), showing atemperature dependence of
the activation typethat istypical of semiconductorsand
dielectrics. A qualitatively similar dependence was
obtained for the films grown under apressure of 10 Pa
(Fig. 1, curve 3). The submicron films deposited under
a higher vacuum (Fig. 1, curves 1 and 2) exhibit non-
monotonic temperature dependence of the electric
resistance. The decrease of the el ectric resistance at low
temperatures was stronger for the films of lesser thick-
nesses (Fig. 1, curve 1).

A similar temperature dependence of the electric
resistance was aso observed for bismuth films depos-
ited onto acetate lacquer or mica[2]. In the latter case
the deposition of bismuth onto the (00.1) crystallo-
graphic plane of micaleads to the formation of epitax-
ial filmswith the (00.1)g; plane parallel to the substrate
and agrain size of 3 um. However, the decrease of the
relative resistance was not as pronounced as in our
experiments, presumably due to higher residual gas
pressure in the deposition chamber (not less than

TECHNICAL PHYSICS LETTERS  Vol. 26
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104 Pa). It is seen from Fig. 1 that a high vacuum is
necessary for an increase in the electric conductivity. It
is possible that the coincidence boundaries, at which
the atoms belonging to both of the neighboring grains
transfer the trandation periodicity of the lattice almost
without distortions, also contribute to the increase of
the electric conductivity of thin films deposited on hot
substrates[5]. It is possible that the adsorption of impu-
rities is smaller at such interfaces than at the arbitrary
boundaries of the so-called general type.

The phenomenon of the coarse-grained structure
formation in the films is quite common. It takes place
possibly due to a decrease in the energy of the film—
substrate system. Indeed, a similar structure was
observed in gold, silver, duminum, and some other
metals deposited onto the oxidized silicon [6, 7]. The
grain boundaries, the free surface, and the film-sub-
strate interface play an important role in the scattering
of conduction electrons in the films. An idea of the
structure of the bismuth films can be based on the gen-
era features typica of the formation of the films of
metals such as gold, silver, and aluminum on SiO, sub-
strates. The melting points of these metals are higher
than that of bismuth and their structures degrade to a
lower extent than that of bismuth when the sections for
TEM are prepared. For example, the aluminum film
with a thickness of 100 nm exhibits monocrystaline
grains growing through the whole film and has neither
peculiarities at the interface with a SIO, substrate nor
roughnesses at the free surface [8]. It ispossible that the
same structureistypical of the section of abismuth film
with agrain size of 0.2-0.4 um in the film plane.

We prepared several sampleswith the thicknesses of
conducting strips 2, 0.5, 0.3, and 0.2 um by means of
electron lithography under the regimes providing for
the abtaining of bismuth filmswith high conductivity at
low temperatures. Estimates of the mean free path of
electrons were obtained for these samples, after calcu-
lation of their resistivity (r) between crossings of the
working strips (for example, contacts 1 and 2 in Fig. 1),
with the use of the formula:

| = m*v/ner, (D)

where m* is the effective mass of electron, e is the
charge of electron, n is the concentration of charges,
and v is the mean velocity of electrons. This formula
yields avalue of 0.2 um for the mean value of resistiv-
ity r ~900 uQ cm (temperature dependence of r corre-
sponds to curve 3 in Fig. 1). The same estimation pro-
cedure applied to the best samples with r ~ 200 pQ cm
produced by deposition through a mask yields a value
of about 1 um (for the curve 2 or 1 in Fig. 1). Such a
difference between resistivities of the samples pro-
duced by different methods is possible, as was men-
tioned earlier, due to the high sensitivity of the electric
conductivity of bismuth films to the presence of impu-
rities. The contamination is more likely in the case of a
more complicated technology of manufacturing the
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microstructures based on the electron lithography. This
lithographic process introduces additional structural
defects and impurities in comparison to the case when
the microstructures are manufactured by deposition
through a mask.

We measured the current—voltage characteristics in
microstructures at the bridges between crossings of the
conducting strips (see inset in Fig. 1, where 1-2 and
3-4 are the potential contacts and 56 are the current
contacts) and also at the crossings, taking neighboring
contacts as the potential ones and the opposite contacts
as the current ones (e.g., 1-5 and 4-6 in Fig. 1) for all
the neighboring ends of the crossing in turn. For the
width of the conducting strips 300 and 2 pum at the
crossings and also between them, the I-V curves were
always linear to comply with the Ohm law u = iR,
where uisthe voltage, i isthe electric current, and Ris
the resistance of the microstructure. We calculated the
values of the bending resistance R for al the neighbor-
ing contacts based on the results of the |-V measure-
ments at the crossings. Thus, four values of R corre-
spond to each crossing. If the potential contacts were
used instead of the current ones for the symmetric
crossing, the dispersion of the values of the bending
resistance did not exceed 2—-3% and coincided with the
final accuracy of the measurements. The technology of
manufacturing of the microstructures allows a certain
spread of the widths of the working parts of the strips.
That iswhy the measurements of 20-30 crossings with
the strip width smaller than 2 um showed that the strip
width ranged from 0.17 to 0.7 pm. About half of the
measurements were performed on the structures with
golden contact areas, whereas the other measurements
were carried out on the structures with chromium con-
tacts providing a better adhesion of bismuth to chro-
mium. At the temperature of liquid helium, about half
of the microstructures exhibited nonlinear 1-V charac-
teristicsregardless of the contact material. Curves 1 and
2 inFig. 2acorrespond to the microstructures measured
at 4.2 and 77 K, respectively; the width of the working
part of thestripisb = 0.6 um. Figure 2b shows the max-
imum bending of the I-V curve for one of the structures
ad4Kandb=0.2um.

It is obvious that the Ohm law does not explain a
decrease of the slope of the -V curvesin the vicinity of
zero (Fig. 2). Monocrystalline semiconductor hetero-
structures with amean free path of electrons exceeding
the size of the structure itself exhibit similar changes of
their -V curves characteristics[9]. Themean grain size
in the bismuth films (0.2-0.4 um) is comparable with
the width of the working part of the strips of the cross-
shaped structures. That is why the working part of the
strip can be considered as consisting (in the transverse
direction) of 1-2 monocrystals with different orienta-
tions relative to the substrate. Since the size of the
monocrystalline segments is comparable with the strip
width, the bending resistance must depend on the crys-
tallographic orientation, size of the monocrystals, and
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Fig. 2. The |-V curves of the microstructures with different
widths of the conducting strips. Curve 1 in Fig. 2a and the
curvein Fig. 2b were measured at 4.2 K; curve 2in Fig. 2a
was measured at 77 K.

the structure of interfaces between them. In the case of
the ballistic transport of electrons through the cross-
shaped intersection of the strips, the bending resistance
is given by aformulathat allows negative values of R
[9], which, however, was not the case in thiswork pre-
sumably because of the diffusion—ballistic rather than
purely ballistic motion of electrons. A decrease of the
I-V curve bending with temperature increasing to 77 K
(Fig. 2a) aso proves the diffusion—ballistic type of the
electron transport. However, additional experiments on
the determination of the density and mobility of the
charge carriers are necessary for the complete under-
standing of nonlinearity of the |-V characteristics of
bismuth films.

Therefore, the technology of bismuth deposition
through a mask under ultrahigh vacuum conditions
allows one to obtain the samples with the mean free
path of electrons of 1 um; use of the electron lithogra-
phy makes it possible to produce the structures with a
mean free path of 0.2-0.3 pum. The nonlinearity of the
I-V curvesin the cross-shaped microstructures of semi-
metallic bismuth result from the diffusion-ballistic
motion of electrons.
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Abstract—The properties of InGaAsN/GaAs heterostructures with quantum wells on GaAs substrates were
studied. The GaAsN layers containing InGaAsN quantum wells with a high (exceeding 1%) nitrogen concen-
tration were obtained. The long-wavelength emission in the InGaAsN quantum wells is obtained in the wave-
length range up to 1.32 um at room temperature. The effect of the InGaAsN quantum parameters on the optical

properties of heterostructuresis studied. © 2000 MAIK “ Nauka/Interperiodica” .

Lasers emitting at awavelength of about 1.3 um are
among the major components of optical-fiber commu-
nication systems. At present, these lasers are made with
the use of heterostructures based on solid solutions in
the InGaAsP or InGaAlAs systems on InP substrates.
However, these devices have a number of disadvan-
tagesin comparison with the structures grown on GaAs
substrates. First, the threshold current has a low tem-
perature stability because of small band gaps in the
conduction band [1] (the typical characteristic temper-
atures range within 50-80 K). Moreover, development
of the surface emitting lasersis also complicated by the
problems encountered in obtaining distributed Bragg
reflectors with high reflection coefficients due to a
small differencein the refractive indices of the constit-
uent layers. Thus, the creation of |asers operating in the
1.3 um range on GaAs substratesis one of the most press-
ing of modern microelectronics. The best results were
obtained for the structures with InGaAs/GaAs quantum
dots [2, 3] and the InGaAsN/GaAs structures [4-8].
It was shown that, because of alarge value of the bowing
parameter, the incorporation of nitrogen into (In)GaAs
results in a considerable decrease of the bandgap width.
Also, a GaAsN/GaAs layer experiences considerable
tensile stresses, whereas the InGaAgGaAs layers are
subject to considerable compressive stresses, and,
therefore, the incorporation of nitrogen compensates
stresses in the InGaAsN/GaAs layer. A high tempera-
ture stability predicted theoretically for the threshold
current in InGaA sN-based lasersis explained by a con-
siderable discontinuity in the conduction band [4]. It is
also possibleto design vertically emitting lasers using the
AlGaAgGaAs distributed Bragg reflectors. At present,
there are lasers emitting at awavelength of 1.3 um based
on the InGaAsN/GaAs quantum wells[5, 6], which are
characterized by low threshold current density and a

high (2.7 W) output power in the continuous mode [6].
A high value of the characteristic temperature T, was
obtained for a generation wavelength of 1.2 um [7].
Creation of alaser vertically emitting at a wavelength
of 1.18 pym wasreported in [8].

The major difficulty encountered in the develop-
ment of InGaAsSN/GaAs-based devices is deterioration
of the optical quality of these structures with increasing
molar fraction of nitrogen [9, 10]. To obtain devices
with efficient lasing in the 1.3 um range, one has to
optimize the growth conditions and the structure
parameters. Below, we report on the study of the prop-
erties of heterostructures with InGaAsN/GaAs quan-
tum wells and show the possibility of obtaining along-
wavelength shift of the photoluminescence line toward
theregion of 1.3 um.

The structures studied were grown by the molecular
beam epitaxy (MBE) method on semi-insulating
GaAs(100) substrates with the use of standard solid-
state sources of the third group elements. A large-vol-
ume solid-state source with the cracking zone provided
the flux of antimony molecules. Theflux of active nitro-
gen radicals was obtained by passing gaseous nitrogen
through a standard high-frequency plasma source. The
source power varied from 75 to 150 W. Two types of
samples were grown: 0.2-pm-thick bulky GaAsN lay-
ers and InGaAsN/GaAs quantum wells located in the
middle of an 0.2-um-thick GaAs layer bounded by
short-period AlAs/GaAs superlattices providing amore
efficient carrier collection in the quantum wells. The
samples were grown under the standard MBE condi-
tions providing the layer enrichment with antimony.
The growth temperature of N-containing layers was
500°C. Photoluminescence was excited with an Ar*
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Fig. 1. The X-ray rocking curves of two GaAsN layers
grown at different rates. Both samples were grown with the
use of 75-W nitrogen source. In the inset: the rate of nitro-
gen incorporation Sy versus growth rate of layers V.

laser (A = 514.5 nm) and was detected with the aid of a
cooled Ge-photodiode.

Figure 1 shows the X-ray rocking curves for two
GaAsN layers grown at different rates. The plasma
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source power was maintained at a level of 75 W for
both samples. The nitrogen concentration in the layer
was calculated by the method described elsewhere [11]
with the use of elastic constants reported in [12]. The
nitrogen concentrations in the two layers studied were
determined as 0.13 and 0.5%. It is seen that a decrease
of the growth rate results in a higher nitrogen concen-
tration in the GaAsN layer. Moreover, the rate of nitro-
gen incorporation into the lattice (determined as S =
Vg[N], where V,, isthe growth rate and [N] isthe molar
fraction of nitrogen in the layer) remained constant (see
the inset in Fig. 1). These data are consistent with the
results obtained in [13], where it was shown that the
rate of nitrogen incorporation is almost independent of
the growth rate.

We studied the properties of the structures with
InGaAsN quantum wells characterized by different
nitrogen content. Figure 2 shows the photolumines-
cence spectraof the sampleswith In, ,:Gay 5ASN quan-
tum wells grown with the use of nitrogen plasma
sources of a different power. It is seen that the long-
wavelength shift of the photoluminescence line with
respect to the emission line of InGaAs quantum well
equals 80 meV for the sample grown at the source
power 75 W. Assuming that the nitrogen concentrations
in the InGaAsN quantum well and in the GaAsN layer
grown with the use of plasma sources of the same
power are equal, we came to the conclusion that this
shift of the photoluminescence line corresponds to the
incorporation of ~0.5% of nitrogen. This value corre-
sponds to a linear approximation of the bandgap width
dependence on the nitrogen concentration in InGaAsN
with the slope of 160 meV/(%N) that is closeto theval-
ues indicated in [14]. Using this approximation, we

Ipp, a. u.
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--------- as grown
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0910111213 14
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Fig. 2. Photoluminescence spectraof the structureswith InGaAsN quantum wells grown with the use of the nitrogen plasma sources
of different power (indicated at each spectrum). In theinset: the photoluminescence spectra of the structure grown with the use of a
115-W source prior to sample annealing and upon one-hour sample annealing at 700°C.
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Fig. 3. Position of the maximum of the room-temperature
photoluminescence line as function of the indium concen-
tration in the quantum well and the nitrogen source power.

estimated the maximum nitrogen concentration in the
samples as ~1.3%.

Thus, we managed to achieve a considerable long-
wavelength shift of the photoluminescence line of the
InGaAs quantum well due to the incorporation of nitro-
gen. To provide for the emission at a wavelength of
1.3 um, we have grown several series of samples with
InGaAsN quantum wells having different indium and
nitrogen concentrations. Figure 3 shows the depen-
dence of the room-temperature emission wavelength on
the indium and nitrogen concentrations in the quantum
well. It is seen that, irrespective of the indium concen-
tration in the quantum well, an increase of the plasma
source power (and, hence, of the molar fraction of
nitrogen in the quantum well) results in a monotonic
longwave shift of the photoluminescence line. At the
maximum nitrogen source power and a 35% indium
concentration in the quantum well, the emission lineis
located at a wavelength of 1.32 um. An increase of the
molar fraction of nitrogen also results in the corre-
sponding reduction in the room-temperature photolu-
minescence line intensity. This behavior is characteris-
tic of InGaAsN and can be explained by the destruction
of the surface by high-energy ions from the plasma
source and also by an increase of the nonradiative
recombination rate in the layers with high nitrogen
concentrations [15].

The emission intensity in the InGaAsN structures
can be increased by post-growth annealing of the sam-
ples [15]. We also studied the effect of post-growth
annealing on the photoluminescence intensity. The
samples were annealed in an antimony flow in the
growth chamber. Our study showed that one-hour
annealing at 650°C changes neither the photolumines-
cence intensity nor the emission wavelength. At the
same time, annealing at 700°C resulted in an amost
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threefold increase of the photoluminescence intensity
and a slight short-wavelength shift (by 20-25 meV for
different structures) of the photoluminescence line (see
theinset in Fig. 2). Thus, the photoluminescence can be
intensified by the post-growth annealing, whichisalso
necessary for the further improvement of the lasing
characteristics of lasers based on InGaAsN/GaAs-
structures [6].

Thus, we have studied the (In)GaA sN/GaAs hetero-
structures and managed to grow the structures with
InGaAsN quantum wells characterized by the nitrogen
concentration of about 1%. The emission at a wave-
length of 1.32 um was achieved at room temperature. It
was al so shown that post-growth annealing of the struc-
ture intensifies photol uminescence.
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