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Crarpst moctynuia B pegaknmo 19 mapra 2001 r.

[Iposeneno amexkTpoHOrpaduueckoe HccaeOBAHNE KIACTepoB, c(OPMHPOBABIINXCS B CBEPX3BYKOBBIX
CTpysIX yriaekucsioro raza. CpefHUH pasMep KJIACTepPOB HU3MEHSJCS OT 400% o 200* MONeKyJa,/ KIacTep.
B pesynprare anHaim3a mNOJAyYeHHBIX ANGPAKTOTPAMM YCTAHOBJIEHO, 4YTO KJIACTEPHI YKA3AHHBIX pas-
MepoB 06GJAAAaT CTPYKTYpPOHl MAacCHBHOrO KpHcTanna. B kiacrepax €O CpeAHHM pPa3MepoM MeHbIIHM
1,700 MOJIeKyJ1,/ KjacTep BlepBble OGHAPY KeHbI JedeKThl YIAKOBKHU, IJIOTHOCTh KOTOPBIX PACTET C yMEHb-
IIeHHEM pPasMepa arperanuii. YCTAaHOBJEHO, 4TO IIOTHOCTh AepexToB ymakoBkm B kaacrepax (CO,),
3aMeTHO HIDKe, 4eM B CJydyae HHEPTHBIX rasos.

[Iposeneno enexrponorpadiune AocaiKeHHS KJacTepiB, cpopMOBAHHX B HAJ3BYKOBHX CTPYMEHSX
pyraekuciaoro rasy. Cepeanii po3Mip kjacrepiB 3MiHIOBABCS Bifj 400? go 200 Monekya,/ knactep. B
pe3ysabTari anHajaily orpuMaHuX AudpakTorpaM BCTAHOBJIEHO, IO KJACTEPH BKA3aHHX pPO3MipiB MaoTh
CTPYKTYpPY MAacHBHOTO KpucTandy. B kiaacrepax, cepeiHill po3Mip SKHX MeHIIHH, HIX 1,7003 moze-
KyJ/KJacTep, BHeplie BusiBjeHO AedeKTH HAKYBAHHsS, IYCTHHA SIKAX 3POCTAE 31 3MeHIIEHHSIM PO3MIipy

arperaniil. Beranosneno, mo rycrusa fedektis naxkysanns B kaacrepax (CO,

BHNAAKY iHEPTHHX rasis.

PACS: 61.46.+w, 81.10.A]j

CTpyKTypa KJacTepoB WHEPTHBIX TIa30B, MeXX-
ATOMHOE B3aHMMO/IeliCTBHE B KOTOPBIX XOPOIIO OIU-
cpbiBaercs rnoreHnuasnom Jlennappa—/lxonca, uccre-
JloBaHa joctatodHo nogapobuo (cM., nanpumep, [1,2]).
B cnyyae nuHeNHBIX MOJIEKYJ Hapsily ¢ LEHTPaJb-
HBIM B3alMOJEHCTBHEM CYIeCTBeHHBIM CTAaHOBUTCS
BKJIA]] HEIEHTPAJbHDLIX 3JIeKTPOCTATUYECKUX CHJI,
06y CJIOBJIMBAIONINX OPUEHTALMOHHOE YIIOPsiOYeHue
MOJIEKyJl TIpU HHU3KUX TeMmepaTypax. CTpykTypa
KJIACTePOB TaKWMX BeIeCTB B 3aBUCUMOCTU OT BKJa/a
AHU3O0TPOITHON COCTaBJSIIONEl B CyMMapHYyIO SHep-
TUIO PeLIeTKH MOXeT OTJAYATbesi OT CTPYKTYpbl
KJacTepoB MHepTHBIX ra3oB. C aTOH TOYKM 3peHUs
6OJbIION MHTepec IIpeJcTaBisieT ABYOKUCH YIJepo-
Jla, TJe BKJIa[ aHU30TPOITHON COCTAB/SIONIEN B CyM-
mapHyio sHepruto pemerku CO, cocrasisier Gouee
50% [3].

BosMoxkHOCTD CyIIeCTBOBaHUS MKOCA3IPHYECKUX
knacrepos (CO,),; pacemorpena B padore [4], cornacto
KOTOpOHM YKasaHHAasl CTPYKTypa CTAaHOBUTCSL CTabU/Ib-
HOWl Jmmb B Kjacrepax pasmepoM N < 13 more-

)N NOMiTHO MeHmA, HiIX Yy

Kya,/knacrep. Ilo amekrpoHorpaduuecKuM HCCaen0-
BAHWUSM KJIACTEPOB ABYOKWHCH VIJIEpOja, IMPOBeIeH-
HbIM B [5,6], ycraHoBieHO, 4TO B KJaacTepax BO BceM
PACCMOTPEHHOM HHTepBaJie CPeJHHX pasMepoB N
(102 monexyn /knacrep < N < 10° Mosieky /Kiac-
Tep) peanusyercs KpHUcTa/IHdecKas CTPyKTypa Mac-
cuBa. OMHAKO B MUTHPOBAHHLIX paGoTax He MPOBO-
aunoch uccnegoBanue jedexros ynaxosku (1Y),
MIPUCYTCTBUE KOTOPBIX CYNIECTBEHHO JJISI TOHUMAHUS
MeXaHn3Ma (pOpMHUPOBAHUS KPUCTATINIECKON (hasbl
B ksacrepax [7]. B cBsizu ¢ atuM 11esbio HacTOsIIIEN
paboThI SIBUJICS MTOMCK Ae(eKTOB YIIAKOBKNA B 06pa3o-
Banusx (CO,),; -

WccnenoBanus TpoBeeHbI Ha YCTAHOBKE, COCTOSI-
el W3 CTAaHAAPTHOrO 3JeKTpoHoTpada, reHepaTopa
CBEPX3BYKOBOTO KJIACTEPHOIO MyYKA M OXJIAKIaeMO-
T'0 JKUIKUM BOJOPOJOM KPHOTEHHOTO KOH/IeHCAITMOH-
HOT'O Hacoca st OTKAYyKu rasa crpyu. [1as cosmamums
CBEPX3BYKOBOI CTPYH Ta3a HCIIOIb30BAHO KOHMYECKOE
comno (auamMerp Kpuruueckoro cedenus 0,34 M,
yToJI pactBopa KoHyca 8,6° 1 OTHOIIeHHe TIIOoIaael
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BXO/JHOIO CeYeHHsl K KpUTUYecKoMy paBHO 36,7).
Perucrparust qudpakiinOHHDBIX KAPTUH OCYINECTBJISI-
Jach aJieKTpoMerpudeckuM u  ¢ororpadudeckum
crioco6amu. B mepBoM ciydae ¢ 1oMOIIbIO ITPOTUBO-
[IOJIsI MOXKHO YCTPAHUTD 3HAYUTENDHYIO YaCThb HEKO-
TePEHTHO PACCESTHHDIX 3JEKTPOHOB M TEM CAMBIM CY-
IIECTBEHHO TIOBBICUTD TOYHOCTD OIpe/iesierust (hopMbl
mudpakmmonnpix 1ukoB. Dororpacdudeckass peru-
CTpaIMsi [IPUMEHSIACH [JisI IIPELU3UOHHOTO OIpe/e-
JIEHUsI TIOJNIOJKEHUST AN(PPAKIIMOHHDIX MaKCHMYMOB.
XapakTepucrudeckuii pasmep KJiacrepo O [J N1/3
olipeiesieH € TOMOLIbIO cooTHolneHus: CensikoBa —
IMeppepa no yumpenuno [uppakMOHHBIX MAKCUMY-
MoB. CpegHuil pasMep KJIACTEPOB BAPbHPOBAJICS OT
4002 no 20004 MOJIEKyJ,/ KiacTep M3MeHeHNeM [aB-
JIeHud rasa PO Ha Bxoge B comiao or 0,075 no
0,55 Mlla npu mnocrosunoil Ttemueparype T, =
= (293 £ 2) K. Ilogpo6Hoe omucanue yCTAaHOBKH U
METO/JMKH 3KCIepUMeHTa IpuBe/eHo B [8].

[IPOBE/IEHHDIX  HCCJIE[OBAHUI
YCTaHOBJIEHO, 4TO /51 Kiactepos ¢ N 30003 mone-

B  pesymbrare

KyJ,/KJIactep TOJOXKEHUSI U OTHOCHUTEJbHDIE WHTEH-
cUBHOCTH (U(DPAKIIMOHHDIX MAKCHMYMOB COOTBETCT-
BYIOT CcTpyKType Pa3, cBOICTBEHHON MacCHBHOMY
kpucraany. Ilpum MeHbIINX pasMepax KJacTepoB
[IPOUCXOJUT YyMeHbIIeHe OTHOCUTENbHONU WHTEeH-
CHUBHOCTH <«CBEPXCTPYKTYPHBIX»> MaKCUMyMOB, OGy-
CJIOBJIEHHDIX OPUEHTALMOHHBIM YIIODPSIIOYEHUEM MO-
JIeKyJl. YKa3aHHasl 3aKOHOMepPHOCTb KOppeJUpyeT ¢
peayabratamMu pabotol [6], Te B ManbIX Kpucras-
JIMYecKuX KJacrepax 3aduxcupoBana uHTeHcH(U-
Kaus Ju6panonHoro jswkenns Mosekyn CO, .
Ha puc. 1,¢ npexacraBieHa 3aBHCUMOCTb YIIUpe-
Hust Ay, AubPAKIMOHHOrO  IHKa (111) or pas-
JIeHUs rasa PO Ha BXo/e B comlio. Bemnmunna A“1 =
=VB - b(Z)/L)\, rae B — nonymmpuna nuka (111);
b, — WHCTpyMeHTa/IbHas MUPHHA JUQPaKIMOHHOL
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auann; L — paccrosinue or o6pasia [0 PErucTpu-
pyIOIlEro ycrpoiictBa;, A — JUIHHA B8JeKTPOHHOM
BosHbl. Ha puc. 1,6 mpuBeseHa 3aBUCHMOCTD Cpe/l-
Hero pasMepa KjactepoB N OT JaBJIeHHsI P, . Ham-
4re TAKON 3aBHCHMOCTH IIO3BOJISIET CBSI3aTb YIIUPE-
Hue Au(PaAKIMOHHOTO MTHKA ¢ PA3MEPOM KJIACTEPOB.
Kak BujgHo Ha pucyHke, s PO > (0,2 Mlla
(N = 303 momekyn /kaacrep) SKCIIePUMEHTAIbHDIE
TOYKH XOPOIIO OIMCHIBAIOTCS IPSIMOI, TAHI'EHC YyIJia
HaKJIOHa KOTopoi, pasubiil 2,24 + 0,04 B KoopauHa-
Tax lg N-Ig P, , nocTaTo4HO XOPOIIO COITIACYeTCs ¢
[IOJIy4eHHbIM HA OCHOBAHUU MACC-CIIEKTPOMETPUYEC-
kux [9] u snexrponorpaduveckux [6] usmepenmii.
B cayyae wmanbix jgaBieHuii (PO < 0,2 Mlla;
N < 3003 monekyn /kaacrep) HAGIIOLAETCS OTKIIO-
HEHWE JKCIEPUMEHTANDHDIX TOYEeK OT YKa3aHHOU
HPsIMOI B cTOpOHY Gosbiiux yimpenuil. C yMeHbIie-
HueM P OTK/IOHEHHE HapacTaeT [0BOJIbHO Me/l/IeHHO
6e3 pPe3KOro HU3MEHEHWSI XapaKTepa 3aBHCHMOCTH
A =6(Py), 4TO cBuneTenbcTBYeT B MOMDL3Y OGY-
caoBsienHocru sddexra jgedexkramu ynakosku [10],
a He MPHUCYTCTBHEM B KJIACTEPHDIX MyYKAX MKOCA/I-
pudeckux o6pasoanuii [ 11]. Hanmuuue /1Y B manbix
KJIACTePaX MOTBEPIKIAETCS TAKIKE CMelenneM aqud-
paxuuonnbix mukos (111) u (200) Hascrpeuy Apyr
apyry [10].

Ilo BeswuuHe OTKJIOHEHHWS 3ABHCHMOCTH YIIIH-
penusi gudpakuumonHoro makcumyma (111) or au-
HeliHOH Oblia oIpejesieHa ILIOTHOCTb JAe(eKToB
ymakoBku. B pacdere HCHONIb30BAHO W3BECTHOE B
CTPYKTYpHOM aHasu3e coorHomienue [10]:
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Puc. 1. 3apucumoctb ymmpenust A, }II/IdeaKIJI/IOHHOFO_MaKCI/IMyMa (111) or paBneHust rasa HA BXOJ€ B COILIO P, npu Temneparype

rasa T; =293 K (@); 3aBucuMocTb cpeanero pasmepa N KJIacTepoB (CO,)y or masnenust Py mpu T =293 K (6). O6e sapucumocru

aHbl B JorapupMUIeCKOM Macmrade.
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paccTosiHie MeXK/y MJIOTHOYIIAKOBAHHBIMU ILIOCKOC-
TsaMi; § cos® — Kpucrammorpadguieckas KOHCTAHTA
JUTSI JIAHHOTO ceMeHCTBA MJI0CKOCTel, KOTopas B CJIy-
yae orpaxkenus (111) pasna 1,/4; A%I:l — ylIupeHue
munuit (hRI), obycnosnennoe jgedeKTaMu yHAKOBKU.

[MoacraBnsis B ypasHenne (1) Bce HeOGXOAMMDBIE
BeJIMYUHBI U TIpeHe6perass BeJUYUHOH [3 B cuiy ee
MaJIOCTH, O YeM CBHJIETEJbCTBYET OTCYTCTBUE ACHM-
MeTpuH AUMPAKIIHOHHBIX MAKCHMYMOB, [OJy4aeM
3HadeHust miaoTHoctd /1Y <«aedopMalimoHHOTO> TH-
na. Bee olpe/iesieHHDbIE U3 SKCIIEPUMEHTA BeJHYHHDI
[Ipe/ICTaB/IeHDbI B TaGJMIE.

Ta6bauna
[lapamerps! KIacTepoB (CO2)  » TOJIYUEHHBIE SKCIIEPHMEHTAIBHO
aBJIeHHe o N, o
117[0 , Mlla 5 A MOJIEKYJ1,/ KJIACTep fi A [1SarB)
0,075 32 380 0,0144 | 0,185 |0,123
0,100 39 711 0,0070 | 0,090 |0,060
0,125 47 1200 0,0038 | 0,050 |0,032
0,150 53 1750 0,0022 | 0,029 |0,019
0,175 58 2300 0,0012 | 0,015 |0,010
0,200 65 3200 0 0 0

Ha puc. 2 nana 3aBucumoctb mnotaoctu 1Y O or
XapaKTePUCTUYECKOrO Pa3Mepa KJAACTEPOB. 3/eCh JKe
JUIsl CPABHEHUSI 11PE/[CTABJIEHA aHAJIOIMYHAsT 3aBUCH-
MOCTb /IJIsSI KJIACTEPOB MHEPTHBIX ra3oB. Kak BuHO
Ha PHUCYHKe, TIOTHOCTH /lY B KiacTtepax (CO2)N,
TaK JKe KaK W B CJIyd4ae MHEPTHDLIX Ta30B, BO3PACTAET
¢ yMeHbllleHHeM uX pasmepa. O[HAKO B caydae JIBY-
okucu yriaepoja /1Y obHapyskuBaioTcss B KJacTepax
ropas/[0 MEHbIIUX PA3MEPOB U ILJIOTHOCTb UX HUIKE,
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Puc. 2. 3aBucuMocTh HIOTHOCTH Ae(eKTOB YNAKOBKH OT XAPAK-
TEPHCTHYECKOTO pa3Mepa kaactepos O. Kiactepst (CO2)N ;
KJIacTepbl HHEPTHBIX razos (2) [2].
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4eM B HHePTHbIX razax. OTMedeHHDIH (DaKT YKa3bIBaeT
Ha Goapmryio sHepruio Y B KpHCTALIAX IBYOKHCH
yraepoja, 4TO CBSI3aHO CO 3HAYUTEIbHBIM BKJIAJIOM
AHM30TPOIHON COCTaBJSIONIERl B OOIIYI0 SHEPIUIO
cessu monexkyn CO, . B 10 xxe Bpemsi o6HapyxeHue
HaMu e(eKTOB YIaKOBKH B MAJIbIX O6Pa3OBAHHUSIX
(CO,), maer ocHoBaHUe IpPEIOIATaTh CXO/JCTBO Ha-
YaNbHBIX 9TANOB (DOPMUPOBAHMS KPHUCTAIINYIECKON
(daspl B Kiacrepax [BYOKHCH YIJepoja W MHEPTHDBIX
rasoB.

1. J. Farges, M. F. de Feraudy, B. Raoult, and G. Torchet,
Adv. Chem. Phys. 70, 45 (1988).

2. C. U. Kosanenko, /I. /. Conmsimkun, E. A. Bongapenko,
3. T. Bepxosuesa, @HT 23, 190 (1997).

3. Physics of Cryocrystals, V. G. Manzhelii and Yu. A. Frei-
man (eds.), AIP Publisher, New York (1996).

4. B. W. van de Waal, J. Chem. Phys. 79, 3948 (1983).

5. G. D. Stein and J. A. Armstrong, J. Chem. Phys. 38, 1999
(1973).

6. G. Torchet, H. Bouchier, J. Farges, M. F. de Feraudy, and
B. Raoult, J. Chem. Phys. 81, 2137 (1984).

7. B. W. van de Waal, Phys. Rev. Lett. 76, 1083 (1996).

8. C. U. Kosanenko, /I. /I. Conupimkun, 3. T. Bepxosuesa,
B. B. Epemenko, @HT 20, 961 (1994).

9. O. F. Hagena and W. Obert, J. Chem. Phys. 56, 1793
(1972).

10. C. C. Tl'opennk, JI. H. Pacropryes, l0. A. Ckakos, Pexmze-
HozZpaguueckutl U 31eKMPoHOZpaAPUUecKUl AHAIU3 MemaT-
7106, Metannyprusaar, Mocksa (1970).

11. J. W. Lee and G. D. Stein, J. Phys. Chem. 91, 2450
(1987).

Detection of stacking faults in carbon
dioxide clusters

S. |. Kovalenko, D. D. Solnyshkin,
E. T. Verkhovtseva, and V. V. Eremenko

The electron-diffraction study of the clusters
generated in supersonic jets of carbon dioxide has
been carried out. The average size of the clusters
varied from 4007 to 2000* mol /cluster. The analysis
of the diffractogramms obtained demonstrates that
the aggregations of the above sizes have a structure
of a bulk crystal. The clusters with an average size
less than 1.700° mol /cluster display for the first
time the stacking faults the density of which in-
creases with decrease in aggregation size. It is found
that the stacking fault density in the (CO,),
is appreciably less than that in the case of rare

clusters

gases.
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