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Abstract

A direct simulation Monte Carlo method was used to study the outflow of a mixture of helium
and silver atoms into a vacuum. The applied aspect of the study is related to the development of
technologies for vacuum gas-jet deposition of nanostructured metal films. A simplified geome-
try of the problem is considered, taking into account the outlet crucible channel and the expan-
sion region of the jet. A model of cluster formation in the mixture of silver vapor and inert gas
is developed. The obtained results demonstrate the possibility of the formation of dimers and
trimers of silver in a rarefied mixture jet outflowing in transient in terms of the Knudsen number
regime. It is shown that the velocities and temperatures of small clusters are close to the veloci-
ties and temperatures of silver atoms.

Keywords: silver clusters, cluster formation in gas, gas mixture dynamics, outflow into vacuum,
the direct simulation Monte Carlo.
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AHHOTAIHSA

MeTo10M MPSIMOTO CTATUCTHYECKOTO MOCITUPOBAHUS BBITOJHEHO UCCIICIOBAHUE HCTCUCHHS B
BaKyyM CMeECH Tellns ¥ TapoB cepedpa. [IpukitagHoii acmekT uccieoBaHus CBsi3aH ¢ pa3paboT-
KOW TEXHOJOTHH BaKyyMHOTO Ta30CTPYHHOTO OCaKISHHS HAaHOCTPYKTYpPHBIX TUIEHOK Oiaro-
POIHBIX METAJUIOB. PaccMOTpeHa YIpoIlieHHAs TeOMETpHUs 33aJ]a4M, YIYUTHIBAIOIIAs JBIIKCHUC
CMECH B BBIXOJIHOM KaHAJIe TUTJIA M 00JIACTH BaKyyMHOM Kamephl. Pa3zsura mojens Gpopmupo-
BaHUS MaJIbIX KJIACTEPOB B Iapax cepedpa, MCTEKAIOIINX COBMECTHO ¢ MHEPTHBIM razom. [lomy-
YCHHBIC PE3YJIbTAThI IEMOHCTPUPYIOT BO3MOXKHOCTh ()OPMUPOBAHUS IUMEPOB M TPUMEPOB Ce-
pedpa B pa3pexeHHON CTpye, PeKUM HUCTEUYCHUS KOTOPOH SABISCTCS MEPEXOTHBIM IO YHCITY
Knyncena. IlokasaHo, 9T0 CKOPOCTH U TEMITEPATYpPhl MAJIBIX KJIACTEPOB OJIU3KH K CKOPOCTSIM H
TeMIIepaTypaM aTOMOB cepedpa.

KnroueBbie crnoBa: kmactepbl cepebpa, GpopMupoBaHue KJIacTepoB B Ta3oBoi ¢ase, rasosas
CMECh, UCTEUEHHE B BaKyyM, NIPsIMOE cTaTUCTHUEcKoe MoaeaupoBanrue MonTte-Kapio.

1. Bseaenue

B HacTos1ee BpeMsi HAHOYACTHUIbl 1 HAHOCTPYKTYPHBIE IIJIEHKA METAJIIOB UIPAIOT KItOYe-
BYIO POJIb B PA3BUTUU COBPEMEHHON 3JIEKTPOHHMKH, (POTOHUKHM U OMOMEAMLIMHBI. MeTalnyeckue
KJIacTepbl BOCTpeOOBaHbI JJIsi HAHOKATAIN3a, TPOU3BOICTBA CEHCOPHBIX MOKPBITUH, JICUCHHUS paKa
1 auabeTa, B KaUeCTBE aHTHOAKTEpUATBHBIX TPUCAAOK 1 mp. [1, 2].

IlepcrieKTUBHBIM METOJIOM CHHTE3a HAHOCTPYKTYPHBIX IUIEHOK SBJISIETCS BaKyyMHOE TIa-
3octpyiiHoe ocaxaeHue (BI'CO) [3, 4]. Meroa npearnosiaraet HarpeB v UCIIapeHUE MeTajljla BHYTPH
TUTJIS,, CMEIICHHE aTOMOB METaJlla ¢ MHEPTHBIM ra30M-HOCUTENIEM B 00bEME THUTJIS, pacIIUpEeHUe
ropsiueil mapora3oBoil CMECH B BHUJI€ CBEPX3BYKOBOU CTPYHM B BaKyyM HJIM Pa3peKEHHYIO Ia30BYIO
Cpeny, OCaXXJIEHUE YacTUIl METAJUIa Ha TIOBEPXHOCTH MOUI0KKHU U MOCIEAYIOIINNA POCT KIaCTEPOB
Ha MOAJOXKe. PeXuM HCTeYeHHs CMeCH M3 TUIJS OOBIYHO SIBISETCS MEPEXOIHBIM IO YHUCIY
Knyncena. B o0beme ctpyn hopMupyroTcst cyOHaHOpa3MepHbIe KiIacTepbl (IMMeEphl, TPUMEpHI),
cOOpKa KJIacTepoB HAHOPA3MEPHOT'O IMaNa30Ha MPOUCXOAUT yXKeE HA TIOBEPXHOCTH MOATIOKKH.

Jnst pazButust Mmerona BI'CO HeoOXoauMo U3ydyeHre BIUSHUS pacxo/ia HeCYIEero rasa, TeM-
IepaTyphl pacljiaBa MeTawla B MCTOYHHUKE, TEOMETPUN MCTOYHHKA Ha MTapaMeTpbl CBEPX3BYKOBOU
CTpyH ra3oBOM cMecu. BakHbIM NpeACTaBIIETCS U ONPEAEICHUE TapaMETPOB MAJIbIX KJIacTepoB,
KOTOpBbIE 00pa3yloTcsi HEMOCPEACTBEHHO B CTpye. X Hamuuue cyliecTBEeHHbBIM 00pa3oM BIIMSIET Ha
CKOpOCTh pOCTa HAHOCTPYKTYPHOH TNICHKH Ha moaioxkke [3, 4]. Takum obpa3om, Tpedyercs paspa-
00TKa a/IeKBATHOTO MHCTPYMEHTA UCCIIEI0BaHUS Pa3peKCHHbBIX TEUEHUH Ia30BOM CMECH C Y4ETOM
MPOIIECCOB 00pa30BaHUA U POCTa KIACTEPOB.
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OrneHka cpeiHero pazMepa HabII0JaeMBbIX B CTpYE KIACTEPOB BO3MOXKHA 0a3e MOTyIMIUPH-
yeckoil Teopun Xarensl [S]. OgHako st MaJIbIX TaBJICHUH TOPMOKEHHUS B UCTOYHUKE TEOPHUS ITPe-
CKa3bIBaeT OTCYTCTBHE KJIACTEPOB B cTpye. IlocTpoeHne MmareMaTnyeckoi MoAeIu NpoLecCOB KOH-
JICHCAIIMM B COIUIaX M CTPYSAX BO3MOXKHO C HMCIIOJIB30BaHMEM ypaBHEeHUM Oiliepa wiu Hasbe-
Crokca, JOMOJHEHHBIX MOMEHTHBIMH YPaBHEHUSIMH JUIsl onmucaHus (azoBoro mepexona [6, 7).
[Ipenmnonaraercs, 4To npoiecc KOHACHCAUU COCTOUT U3 3Tana (OPMUPOBAHUS KPUTHUECKHX 3a-
ponbimieii (3Tanm HyKJIealMu) W dTana uX JaibHeirnero pocra. CKOpocTh Mpoliecca HyKIIearuu
ompenenseTcs corinacHo kiaccnueckon Teopun Hykieanuu (KTH). KTH umeer psin n3BecTHBIX He-
JIOCTaTKOB, B TOM YHCJIE SIBJISIETCSI CTAllMOHAPHOM, MPEICKA3bIBAET pa3Mep KPUTHUECKOTO 3apo-
JbIIIa MEHBIINHI eTMHUIIBI 17151 OOJIbIINX CTereHel nepeckieHus u np. [lostomy Ha sTane pacuera
mpolecca HyKJIealn BO3MOKHO HCIOJIb30BaHKEe 0oJiee pa3BUTHIX MOJIECeH, OCHOBAaHHBIX Ha KBa-
suxumMuueckom noaxoze [8—11]. Ilpu MomenupoBaHuM npolecca HyKJealuud, Kak MpaBUiio, HC-
MOJIb3YETCS MPEINO0JIOKEHUE O MEXaHUUYECKOM U TEPMOIMHAMUYECKOM PABHOBECHH MEKY KJ1acTe-
pamu U MapoM.

B nHacrosmieit paboTe paccMaTpuBarOTCsl pa3peKeHHbIE HEPABHOBECHBIC TEUYCHUS, ST KOTO-
PBIX C OIHOM CTOPOHBI HEOOXOMMO MPUMEHEHNE CIeIMAbHBIX METOJIOB pacueTa, OCHOBAHHBIX Ha
peuieHuu ypaBHeHust bonbliMaHa, HarpuMep, TaKUX Kak METOJ MPSIMOTO CTAaTUCTUYECKOTO MOJie-
nupoBanus (IICM) Monre-Kapmo [12, 13]. C apyroit croponsl, ucnonb3oBanue KTH, ans onuca-
HUS TIPOIIECCOB (POPMHUPOBAHUS U POCTA KIACTEPOB B PA3PEIKEHHBIX TECUCHUSAX HE SIBISICTCS KOP-
pekTHbIM [14]. KuneTnveckuii moaxo/1, ONMUCHIBAIOIIMK MPOIIECC KJIacTepooOpa30BaHUs B paMKax
[ICM, B obmieM ciydyae, JOMHKCH OMEPUPOBATh HE C MAaKPOCKOMMYECKUMH TEMIIEpaTypO3aBUCH-
MBIMH KOHCTaHTaMHU CKOPOCTEH peakluid, a ¢ MUKPOCKOIUYECKUMHU BEPOSTHOCTSIMH MPOTEKAHUS
peaxiuu npu CTOIKHOBEHUU/pacaae WHANBUAYIbHBIX YacTull. [IpocTeiiimme KuHeTHIecKue Mo-
nenu KiacrepoodpazoBanus s metona [ICM paspabotansl B [15, 16]. bonee pasButas monens,
OIMCBHIBAIONIAS BCIO IEMOYKY MPSAMBIX M 0OpaTHBIX peakiuil popMupoBaHus/pacnaa KIacTepos,
MUKPOCKOIIMYECKHUE BEPOSITHOCTH KOTOPBIX OIPEAEISIOTCS C MCIOJb30BAHUEM MOJETH MOJHOM
SHEepruu cToNKHOBeHUs bepna (total collision energy model), mpencraBnena B [17, 18]. PesynbraTsr
pacyeToB TeUEHUI OJJHOKOMIIOHEHTHBIX Ira30B (Mapbl BOABI M Me/IM) Ha 6a3e JaHHOW MOJIEIH MOKa-
3aJId XOpOIlIee COBMAJICHUE ¢ UMEIOUIUMUCS IKCIIEPUMEHTaNbHBIMU aHHbIMU [17, 19]. B Hacrosi-
et paboTe Mpoa0HKEHO pa3BUTHE YKa3aHHON KMHETHUECKOW Moienn (hOpMUPOBaHUS KIIaCTEPOB
JUTSL CTydasi Ta30BOM CMecH — MapoB cepedpa M HHEPTHOTO ra3a.

B nannoit pabote mpeacTaBiaeHbl pe3yibTaThl TEOPETUUECKOTO MCCIEAOBAHUS IIpolecca uc-
TEYCHHSI aTOMOB cepebpa ¢ JIETKUM ra3oM-HOCUTeNNeM (TelTueM) B BAKYYM U3 UCTOYHUKA YIPOIIEH-
HO reoMeTpun. OCHOBHBIMHU LEJSIMU PAOOTHI SIBISIOTCS pa3BUTUE MOAENTU (POPMUPOBAHUS Ki1acTe-
POB B pa3pekeHHOM TEUCHUH CMECHU ITapOB cepedpa M MHEPTHOTO ra3a, MPOBEACHHUE CEPUH PACUETOB
MCTEUYEHHUS] CMECH U3 LUJIMHAPUYECKOrO KaHajla B BAKYyM M OLIEHKa BO3MOXHOCTH (hOPMUPOBAHUS
MaJIbIX KJacTepoB cepedpa B CTpye sl YCIOBUH, MPUOIMIKEHHBIX K SKCIEPUMEHTAIbHBIM [4], a
TaK)Xe TOJy4yeHHE TaHHBIX O ra30/IMHAMUYECKHUX MapaMeTpax KiIacTepoB cepedpa, aToMoB cepedpa
Y MHEPTHOTO rasa.

2. Mojaeanb TeueHus

2.1. IlocTaHOBKA 3a1a4H

C y4eToMm CIO0XHOCTH pPeaJbHONH IeOMETPUN THIJISA U CHCTEMBI ITOJAa4YH TelIusl B HACTOSIICH
paboTte paccMaTpuBaeTCs YIpOIleHHas TIOCTaHOBKa. VicTeueHne pa3pexeHHO# cMecH mapoB cepe-
Opa U aTOMOB TellMsl B BaKyyM MPOUCXOIUT U3 KOPOTKOTO MIIWHAPUISCKOTO KaHaia paauyca R
(puc. 1). Inuna xanana L =2R. Ha Bxone B kaHan (rpanuna 1) pacnpeneneHue BOpachIBa€MbIX
aTOMOB TI0 CKOPOCTSIM COOTBETCTBYET PyHKIIMKN MakcBesuia

3/2 2
P LU N B (1)
b 27k, 2kT, ’
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rae m;,U; —Macca U CKOpOCTb aTOMa i-ro KOMIIOHEHTa cMecH (Jayee Ag — atomsl cepedpa, He —
aTOMBI Telus); Mp;,Up;, 1, — KOHLEHTpALMs, CPEIHEMACCOBAsi CKOPOCTb U TeMIEpaTypa KOMIIO-
HeHTa. CKOpOCTh Ha BXOJHOM IpaHuIle 1 npennonaraercs CymecTBEHHO 103BYKoBoii (M <« 1), cko-
POCTHOE OTHOLICHHE IOJIAracTcsi PaBHBIM Sp; = Uy ; / (ZRI},)1 > =0.05. Temneparypa 7T, momara-
ercst paBHOM Temneparype turisa 7p =1400 K, xapakTepHO#l [ pealbHBIX yCIOBUN HAIIBUICHUS
[4]. KonneHnTpanuu aToMOB Ha BXOJHOHM IpaHUIle TOJO0UPAIOTCS TaKUM 00pa3oM, 4ToOBI (a) pacxos
JUIL aTOMOB T'eJIMsI Yepe3 KaHall COBIIaJall C XapaKTEPHBIM [UIsl YCIIOBUM CHHTE3a HAHOCTPYKTYPHBIX
TIeHOK pacxonoM Qy. =100 scem [4], (6) HOTOK aTOMOB MeTaljIa Yepe3 BXOAHYIO rpaHuIly 1 coB-
Iajai ¢ 3alaHHbIM ITOTOKOM () Ag . PaccmoTpeHo nBa BapuaHTa 3a1aHust Qg : IOTOK PaBEH PABHO-
BECHOMY TNIOTOKY aTOMOB MeTaia F,; 4epe3 IUIONMaAb MONEPEYHOrO CEYCHHs KaHaja
Ong1 = FgnR* (Bapuant (1)) 1 Qagr =1004q1 (Bapuant (2)). PaBHOBeCHSBIH HOTOK aTOMOB Me-
Tajla ONpeAesaeTCs Kak

A
F;; - /2 ° (2)
(27m, kT,

Tae ps (T 0) — JTaBJIEHWE HACHIIICHHS TTapoB cepedpa npu temmnepatype 1. Pacxox mapos cepedpa
3aBHCHUT OT MOJIBHOH J10JIU T€IUS U TEMIIEPATYPhI TUIJIS U IaHHBIE BApUAHTHI 3a71aHusl O Ay MOYKHO
NpUOIMKEHHO paccMaTpUBaTh KAK MUHUMAJIbHOE U MaKCHUMaJIbHOE BO3MOKHBIE 3HAUEHHSI pacxo/a
napoB cepedpa [20].

OT cTeHOK KaHana 2 ¥ BHEITHEH CTeHKH 3 aTOMbI oTpaxarotrcs Au(@y3HO ¢ TOTHON aKKOMO-
Janyei SHEPTUU U TeMIepaTrypoil paBHON 7j. YCIIOBUS Ha BHEIIHUX I'paHUIax o0Onactu 4 u 5 co-
OTBETCTBYIOT CBEPX3BYKOBOMY T€4EHHIO. YaCTHIIbI, JOCTUTAIOIIME BHELIHUX TPAHUL], UCKIIIOYa-
I0TCS U3 pacuera.

Jnst BapuanTa (1) mcxotHast MoIbHAs 10715 cepedpa coctaBiseT Xp ag = 0.025, 11s1 Bapranra
(2) — Xp,ag =0.2. Yncno Knyncena mia emecu Kn i = Amix / R (Anix — aymHA CBOOOIHOTO TIPO-
Oera atoMoB B cMecu) Juist BapuanTa (1) pasHo 0.1, mist Bapuanta (2) — pasao 0.07. Hucno Kuyacena
IUISL CITy4asi ICTEUEHUs YUCTOTO Mapa cepedpa MpH Toi ke IVIOTHOCTH 1y A JUI BapuaHTa (1) paBHO
Knag,pure = 2.3 1 u1st BapuanTa (2) — pasHo 0.23.

JIns pacuera UCMOIB30BaH METO MIPSIMOTO CTaTUCTHYeCKOro MojenupoBanus [ICM B Bepcun
I'poma bepna [12, 13]. [TapameTpbl MOJIeNH CTOJIKHOBEHHH YaCTHIl U OMMCaHUE MOJENIN 00pa30oBa-
HUS KJIaCTEPOB NIPUBEIEHBI B CICAYIOIEM pa3/elie.

Y ______________

expansion
3 region

Ag-He-»{I 2 R

X

Puc. 1. CxeMa BBIUUCIATEILHON 001acTH

2.2. Moaesnb KIacTepoodpa3zoBaHus
B Moxenu nporiecca 00pa3oBaHuUs KJIAaCTEPOB YUHTHIBAIHCH CICAYIONINE PEAKIIUU:

P1(3),4g

Ag+ Ag+ Ag————F— Ag, + Ag, 3)
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P1(3),He

Ag + Ag + He—————— Ag, + He, 4)
Ag, + Ag— 2% s Ag 4+ Ag + Ag, (5)
Ag, +He&>Ag+Ag+He, (6)
Ag, +Ag¢>Agg (g >2), (7)
Ag, p—;>Agg_1 +Ag (g >2) (8)

311ech g — pa3Mep KIACTepa; pi(3),Ag, P1(3).Hes P2c,Ag> P2c.He, Pg-1, Pg — MUKPOCKOIIMYECKUE BEPOST-
HOCTH MIPOTEKAHUS peakiuii GOpMHUPOBAHMSI TUMEpa cepedpa pHu TPOHHOM CTOJTKHOBEHUHU aTOMOB
cepebpa (MaKpOCKOMHUYECKask CKOPOCTb peakuu Ki(3) Ag ) WK IIPH CTOJIKHOBEHHH JIByX aTOMOB Ce-
pebpa u aToma renust (CKOpoCTh peakuuu Ki(3),He ), pacnaja JUMepa IpU CTOJIKHOBEHHU C aTOMOM
cepeOpa niu renust (CKopocTu peakuuit Kocoag U Kac He ), ACCOIMALIMU MOHOMEpA U KJIacTepa MpH
UX MapHOM CTOJIKHOBEHHH (CKOPOCTh peakiuu K, 1) U MOHOMOJIEKYJIIDHOTO pacnaja Kiacrepa
(ckopocTb peakiuu K ). BeposTHOCTH p ompeeneHsl ¢ UCIO0JIb30BaHUEM MOJIENIH MTOJTHON SHEp-
run ctonkHoBeHus ['pama bepaa (Total Collision Energy (TCE)) [12, 17, 18] mo u3BeCTHBIM TeM-
MepaTypHbIM 3aBUCUMOCTSIM MaKpPOCKOMTMYECKUX KOHCTAHT.

[Ipenmonaraercs, 4ToO KOHCTAHTY PAaBHOBECHS MPOIIECcCa TUMEPH3AIUU MOXKHO MPEJACTABHUTH
B BU/JIE BBIpaXXKEHHsI AppeHunyca

K K.
I<C’2 — 2¢,Ag — 2¢,He — CTO{ exp(_ij (9)
Kigyae  KiG)me kT

3nech &, =1.65 3B — sHeprus auccoumanuu qumepa cepedpa [21]. s onmcaHus MpoOIECCOB ac-

COLIMAIIMY U Paclajia KPYMHbIX KJIacTepoB 3HadeHus napameTpoB C M a MOTYT OBITh OJIY4YEHbI HA
OCHOBE 3aBHCHMOCTH JIaBJIEHUS HACBILICHHBIX I1apoB OT TemmepaTypsl. B [22] npennaraercs uc-
MOJIb30BaTh TAaKOW MOAXOM W A omnpeneneHus napamerpoB (9). CormacHo [21] xoHIEHTparus
HACBHIIIEHHOTO TMapa cepedpa HaJ IUIOCKOH MOBEPXHOCTHIO MOXKET OBITh MpPEICTaBICHAa Kak

ng = CT % exp[—&s /(kT)], c napamerpamu C =3.9x10°" M3, a =0, &5 =2.77 3B.
CkopocTb IpsiMOil peakiu 00pa3oBaHUs TUMEpPa MOXKET ObITh MTPEICTaBICHA B BUIC

K3 = AT’ (10)

CornacHO yHpOIIEHHON MOJENH CTOJIKHOBEHHWH TBepabix chep [23,24] b =0.5,
A=H-0.85x107* M°K ¢! anst cronkHoBenuii Ag-Ag-Ag u A=H-3.1x10™ MK ¢! s
cronkHoBeHu Ag-Ag-He. [Ipeanonaraercs, 4ro nporecc 00pa3oBaHus JUMepa IPOUCXOIUT B JIBA
stana: (1) oOpa3oBaHHE KBa3UMOJICKYJIbI TIPH MAPHOM CTOJIKHOBEHWH MOHOMEPOB H (i1) cTabmimn3a-
1Usl KBa3UMOJIEKYJIbl IPU CTOJIKHOBEHHUH € TpeThUM TenoM. [lapamerp H siBisieTcsl JOMOIHUTENb-
HBIM [apaMeTPOM, XapaKTEPU3YIOIIUM BPEMS KU3HU KBA3UMOJIEKYJIbL. [[1s1 ciydas CTOJIKHOBEHUS
MOHOMEPOB KaK TBEpAbIX cep Bpemst KU3HU KBa3UMOJIEKYJIbl PABHO BPEMEHHU HETIOCPEICTBEHHOTO
COMKEHUS IBYX CTATKMBAIOIIUXCSI MOHOMEpPOB H = Hg = 1/ Jr [24]. 3nauenne H > Hg B pac-
CMaTpUBAaEMOI MOJIETTU COOTBETCTBYET B3aMMHOMY OPOUTHUPOBAHUIO MOHOMEPOB MPHU CTOIKHOBE-
HUU U YBEJIMYEHHUIO BPEMEHH KU3HU KBa3UMOJIEKyIbl. J[aHHas Mo/enb B fajbHeiieM OyneT ymo-
MHHATLCA Kak SM-MoJ1€eb.

B [25] mpennosxen meton omneHKU mapamerpoB 4 u b nis moaenu bynkepa [26]. CormacHo
[25] u ¢ ucnonb3oBaHuEeM mapameTpoB nmoTeHuuana Jlennapaa — [»oHca il CTONKHOBEHUN Ag-
Ag u Ag-He [27, 28] cooTBeTcTByIOIIME 3HAYEHHUS] MOTYT OBITh ompejaeneHbl Kak: b =-0.33,
A=1.58x10"2 M°K*3c™! mna cromknosenmii Ag-Ag-Ag u A=0.41x10"?T 7933 MKO3c! g
cronkHoBeHuM Ag-Ag-He. JlanHas Mozens B nanpHenIIeM OyIeT yIIOMUHATHCS Kak BM-Moensb.
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3HaHWE BU/A U MMapaMETPOB KOHCTAHTHl PAaBHOBECHS COBMECTHO C MapaMeTpaMH CKOPOCTHU
psIMON peakuu HeoOXO0UMO ISl OTIpeeNICHUs] TapaMeTPOB KOHCTAHThI CKOPOCTU 0OpaTHOM pe-
aKIMU COTJIACHO MPHUHIIMITY JeTalbHOTO OanaHca. B cBolo ouepenb, 3HAHUE BUAA M MapaMETPOB
CKOpPOCTEH MpsAMBIX U OOPATHBIX PeaKifii He0OOXOIUMO ISl pacyeTa MUKPOCKOIMMYECKUX BEPOSIT-
Hoctelt B pamkax TCE-moaenu.

[TapameTpsl ckopoctelt peakuuii (7) u (8) 1 0COOEHHOCTH MOJICIMPOBAHUS YKa3aHHBIX peakK-
uuii cooTBeTCTBYIOT [17, 18]. CTOJKHOBEHHSI MEXAYy MOHOMEpAMH U MOHOMEpPAaMH M KjlacTepaMu
omuckiBatoTCs Monenbto TBepasix cdep (hard spheres (HS)). Jdumamerp atoma cepebpa
diag =2.9x107" m [29]. Jluamerp knacrepa cepeGpa pasmepa g: dg =2(rwg"’ +da/2), rae
ry =1.66x107° M [30]u d, =2.53x1071% M [31]. CronknoBenus Ag-He u He-He Taxxke omuchiBa-
torcst HS-monenesro ¢ nuamerpoM aroma renus dpe = 2.19x1071% M [32]. Jus MO/JIEJTUPOBAHUS
polecca MOHOMOJIEKYJISIPHOTO pacimajia HeoOX0IUMO 3HATh YMCIIO TMOBEPXHOCTHBIX MOHOMEPOB
go - Jns maneix xknacrepoB g < N¢ (N¢e — KOOPAMHALMOHHOE YUCIIO JUIS SKUKOCTH) TOJaraeTcs
go=g.Ana g > N¢ 4uCiIO NOBEPXHOCTHBIX MOHOMEPOB MOXKET OBITh OMPEENICHO 10 JIBYM Mapa-
MeTpaM: 3HAYCHHIO KOOPIUHAIIMOHHOTO YHclia Tt cepedpa Ne = 8.5 U NONMOTHUTEILHOMY IMapa-
MeTpy @.; =0.81, nmoaydaemomy U3 TeMnepaTypHOU 3aBUCHUMOCTH IMOBEPXHOCTHOTO HATSIKEHUS
JUTsI KpYITHBIX Ki1acTepoB cepedpa [11]. TpoitHbie CTOJKHOBEHHS MOJISTUPYIOTCS coryiacHo [13, 16].

TectupoBanue moaenu GOpPMUPOBAHUS KIACTEPOB OBLIO MPOBEACHO ISl ABYX HYJIBMEPHBIX
3anad. [lepBas 3agaua — pacuer paBHOBECHOTO pacIpeieeHNs KJIacTEepOB i 3a/JaHHBIX TeMIepa-
Typsl T =1570 K, paBHOBECHOI! TIIIOTHOCTH aTOMOB cepebpa 710 ag = 5Sx10?! M3, mnoTHOCTH remms
nope = 5.75x10% M > 1 SM-mogemu ¢ mapamerpom H =1//7 . CootercTByIomee pacipesenenne
MIPUBEJCHO Ha pUcC. 2, a. TaM ke IpUBEEHO PaBHOBECHOE PACIIPEEIEHIE COTIIACHO BBIPAXKEHUIO

g-1

Ag
n,. =n 11
g€ Ag KC,2 ( )

3nech n,, — IIOTHOCTH aTOMOB cepebpa. Pe3ybTaThl JeMOHCTPUPYIOT XOPOLIEE COTTIACHe.

B xauecTBe BToporo tecra (3aa4a 2) 3ajaBaiach NOCTOSHHAS IJIOTHOCTh U TEMIIEpaTypa Mo-
Homepos (7 =1400 K, mmotHOCcTs aToMoB cepebpa noag =4.25x10% M3, mmotHocTs Temus
nope =5.0x10*" M%), Ucnonbzosanace SM-moznens ¢ napametpamu H =10 u H =100 . B pac-
4eTe YUUTHIBAIUCH TOJIBKO peakiuu (3) u (4). 3aBUCUMOCTH TIOTHOCTH JUMEPOB cepedpa oT Bpe-
MEHH U aHaJTMTHYeCKre QYHKIMU (B TAHHOM CITy4dae MpsIMbIC), COOTBETCTBYIOIIHNE PEIICHUIO YpaB-
Henust dna/dr = Ki3)agng, ag T K13)Hen ‘. Ag/10.He , IPUBEJICHBI HA pHC. 2, 6. IlonyyeHHbIe 1aHHbIC
CBHUJIETEJILCTBYIOT O KOPPEKTHOCTH UCIIOIB3yEeMOM YHCICHHON MOJIEIH.

1 equilibrium 7E+17
o sm
10° A BM

6E+17 [m] simulation

theory

5E+17

o A4E+17
€
~

S 3E+17

2E+17

10"+ 1E+17

107 5E-05

Puc. 2. Pe3ynbTathl permeHns TECTOBBIX 3a/1a4: @) 3agada 1. Pacnipenenenre kiacTepos Mo pa3me-
pam ( Ny — ducnio kiactepoB pasmepa g ); 6) 3amaua 2. Konnenrparus qumepos. 1 — H =100,
2—- H=10
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3. PesyabTarhl pacueToB

D¢ dhexkTuBHOCTH Mpolecca TUMEPU3AUH B CTPYE MOXKHO OLIEHUTH C UCIIOJIb30BAaHUEM YHCIIa
Jamkenepa

Da; =7, /73, (12)

rie 7y = R/u — XapakTepHoe Ta30MHaMHIECKOe BpeMs (¥ — CKOPOCTb ra3a); 73 — XapaKkTepHOe
BpeMs Ipoliecca 00pa3oBaHus AUMEPOB IPU TPOHHBIX CTOIKHOBEHUX. [Ipearnonaras, yTo npouec-
COM CTOJIKHOBUTEIJIBHOTO pacrajia TMMEpPOB B PACIIUPSIOMICHCS CTpye MOXKHO MpeHeOpeyb, Xapak-
TEpHOE BpeMsl ITpoLecca AMMEpPHU3alMi MOXKHO IPUOIMKEHHO OLIEHUTb, KaK

’Z'3 = L % ) (13)
n2,€ dt 3
dn
d_t2 = Ky(3) e ”ig e + Ki3).a¢ nig (1

3

[TockonpKy KOHCTAHTa CKOPOCTH 3aBUCUT TOJIBKO OT TeMITepaTyphl, TO coriacHo (13), (14) 3
MO>KHO YMEHBIIIUTh, COOTBETCTBEHHO YBeIMYMB Daj 3a cueT yBenWdeHus IIoTHOCTU renus. On-
HAKO OYEBUHO, YTO MPU MAJIBIX IIIOTHOCTAX cepedpa B OTCYTCTBHE MAPHBIX CTOJIKHOBEHHH MOHO-
MepoB cepedpa oOpa3zoBaHrEe JUMEPOB HEBO3MOXKHO. [ToaTromy mtst addhekTuBHOTO TIpoiiecca oopa-
30BaHMsI TUMEPOB B CTpye HEOOXOAMMO BBINMOJIHEHHE ABYX ycioBHi: Daz; >>1 u Knagpue <1.
BwmecTto uncna Knyzacena, onpenenseMoro o napaMeTpaM YucToro cepedpa, MO>KHO HCTIONb30BaTh
yucino Jlamkenepa

T 1

_ g _ ~
Da, g =———=7,Vypg ®

ToAg Kn Ag,pure

; (15)

TIC Ty pg»Vaag — BPEMS U YAaCTOTA [APHBIX CTOIKHOBCHHIT aTOMOB cepebpa.

Ha puc. 3 nokasansl oceBble pactpenenenus uncia lamkenepa s Bapuantos (1) u (2) ans
pa3IUYHBIX TAPaMETPOB MOJIEIH KIIaCTEPHU3ALUH.

TR B\ | TR R |
1 2 3 4

XIR XIR
a o

IR B T R |
1 2 3 4

10-10\\\\|\\\\
2 E]

) U

Yo i) SIS BRI
-2

Puc. 3. Yncna /lamkenepa mis BapuantoB 1 (a) u2 (6). 1,2,3 — Das, 4 — Das ag . | —momens SM
c mapametpom /1 =100, 2 — mogens SM ¢ napamerpom H = 1/ V7,3 — monens BM

Bapoeuposancs Bug moaenu (SM unu BM). Jlns SM-Mozaenu paccCMOTPEHO JBa 3HAYCHUS T1a-
pamerpa H: H = 1/ Jz u H =100 . Buzgso, uro s BapuaHTa (1), KOTOpBIN XapakTepu3yercs Ma-
J0i MIOTHOCTBIO cepedpa (Knagpure = 2.3) uncio Jlamkenepa A TPOMHBIX CTOJIKHOBEHUH IS

7
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BCEX MapaMeTpOB MOJIENN KJIaCTEpU3allMd B OKPECTHOCTH BBIXOJHOrO orBepcTusi meHee 0.01
(puc. 3, a). Ana Bapuanta (2) (Knag,pure = 0.2 ) 4nCI0 TPONHBIX CTOJIKHOBEHUI BO3PACTAET U YHUCIIO
JlamMKenepa B OKPECTHOCTH BBIXOJHOTO OTBEPCTHs yBenuuuBaercs (puc.3, 6). OqHako U B 3TOM
ciydae st BM-monenun u SM-moznenu ipu H =1 3HadyeHue uncna Jlamkenepa B 00J1aCTH TEUSHUS
Mano. B kanane Daj; ~1 Tonbko nast SM-monenu npu H =100 . Yucno [Jamkenepa, paccCuuTaHHOE
I10 YaCTOTE MAPHBIX CTOJKHOBEHUH, B OKPECTHOCTH BBIXOAHOT0 0TBepcTUs MeHee .1 17151 BapuaHTa
(1) m mpumepHo paBHO 1 11t BapuaHTa (2).

Taxum o6pazom, yciaoBus “IPPeKTHBHOTO” KIacTepooOpazoBaHus NPUOIMKEHHO BBITOJIHS-
I0TCS ISl BapraHTa (2) mpu ucnoib30BaHuu Mmojenu SM ¢ napamerpom H =100 . MoxHo nipearno-
JIOKUTh, YTO 32 UCKJIIOUEHHEM ATOr0 BapHaHTa CKOPOCTh Mpolecca 00pa3oBaHusl JUMEPOB B CTpye
Oyzer HeOOMNBIION U OIS TUMEpOoB OyIeT He3HAYUTEIbHOH. B peanbHOM TeueHnH Ui yKa3aHHbBIX
napaMeTpoB IMPoLecc IMMEPU3aLnu OyeT 3aMOPOKEH U MOMYIIALUS IUMEPOB B CTpye OyzaeT onpe-
JEJSITHCSL PABHOBECHOM MOJIBHOM J0JIel B UCTOYHHKE (THTJIE).

WuTerpanbHble IO 00beMy pacipeesieHus KIacTepoB MO pa3MepaM B LHWJIMHIPUIECKOM Ka-
HaJie ¥ 00JIacTH paciupeHus ctpyu (cM. puc.l) npusenensl Ha puc. 4. Ha puc. 4, a npeacTaBieHsl
nanHble 1715 Bapuanta (1). Bunno, uro mist SM-monenu u 3Hauenus nmapamerpa H =1 gons nume-
poB (110 OTHONIEHHIO K MOHOMepaM cepebpa) He npesbimaet 10, Tpumeps! cepedpa B TeueHUM He
dbopmupytores. J{ns BM-Moaenu pe3ynbTraThl OKa3bIBAIOTCS CXOKUMHU (Ha puc. 4 HE MPUBEACHBHI).
OTHOCHUTENBHOE YMCTIO TUMEPOB, CHOPMHUPOBABIIKXCS B TEUEHUHU, MEHbILIE COOTBETCTBYIOIIETO
PaBHOBECHOI'O 3HAUYEHUsI, PACCUMTAHHOTO 110 MapaMmeTpam TUIJA. To eCTh AJ yKa3aHHbBIX BapUaH-
TOB B peaJIbHOM CJy4ae TUMephl, HaOmronaemble B CTpye, OyayT ¢opmupoBartkcsi B THriie. Ecnu
BBIOpaTh 111 SM-Mojenu 3HadueHue napamerpa H pasroe 100, To 107151 TUMEPOB HAOIIOJAEMBIX B
CTpye U B TUrie OyjeT 0OJMHAKOBa — Hopsiaka 107,

Jlnst BapuaHTa pacueta (2), XxapakTepu3yeMoro OoJbliel MI0THOCThIO apoB cepedpa, CUTy-
anus cxoskas. J[oNsl JUMEPOB B CTPye OKa3bIBAETCS HECKONBLKO BbilIe 1073 TOJIBKO IIPH UCIIONIB30Ba-
HuM SM-mozenu ¢ mapamerpom H =100 . [lns 1aHHOTO BapuaHTa B CTpye HAOIIOAaeTCs TAKXKE He-
3HAYMTENbHAs J0JI TPUMEPOB (puc. 4, b).

10° -

H=0.56, out
H=0.56, cyl
H=100, out
H=100, cyl 10

eq
= v
>

H=0.56, out
H=0.56, cyl
H=100, out
H=100, cyl

eq

107

ooQ d
oodd

10*

Z 10°
z
10°

10%

10} 10"

-12 12
10 | I R R J 10 | I N N |

g, atoms g, atoms

a b

Puc. 4. lons xnactepoB pa3mepa g B oObeMe kaHana (cyl) u B obnactu pacmupeHus ctpyu (out).
CrutonrHasi TUHUS — paBHOBECHOE pacmpenencHue (9), pacCUUTaHHOE 0 TapaMeTpaM TOPMOKCHHS
(Ty =1400 K). N, —unTerpanbpHoe o 00beMy YHCII0 KIACTEPOB pazMepa g ; Ni — HHTerpajbHOe 1o
00BEMY YHCIIO MOHOMEPOB

Jlons nuMepoB, HAOII01aeMBIX B SKCIIEPUMEHTE, XapaKTEPU3yeMOM TEMH K€ 3HaUEHUSIMH OC-
HOBHBIX APaMeTPoB, npesbimaeT 10>, TakuM 06pa3oM, eClM 3a OCHOBY B3ATh THIIOTE3Y 0 (GOPMHU-
POBaHHMH KIIACTEPOB B 00bEME TeUEHUs, TPEOYETCsl YTOUHEHUE MMapaMeTPOB KOHCTAHTHI CKOPOCTH
PEKOMOWHAIIMKA U COOTBETCTBYIOIICH MOJIETTH CTOJIKHOBEHUH.
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JlaHHbBIE O MPOCTPAHCTBEHHBIX PAacCTIpeAeSICHUIX ra30IMHaAMUYECKUX TapaMeTPOB MPUBEICHBI
Ha puc. 5—10 g BapuaHTa pacuera (2) ¢ ucnonab3oBaHueM SM-MoJleNH U 3HAYEHUU TapaMmerpa
H =100 . Ha puc. 5—7 npeacTaBiieHbI TOJIs ITIOTHOCTH aTOMOB Telins, cepedpa 1 TMMepoB cepedpa.
W30nuHMM MIOTHOCTH AJIE aTOMOB U IUMEPOB cepedpa OKa3bIBaloTCs 0oJiee BBITSHYTHI BIOJIb OCH
TEUYCHHSI 1T0 OTHOIICHHUIO K U30JIMHUSIM TUIOTHOCTH renwus. J[aHHbIH 3 (eKT CBA3aH C yCKOpEHUEM
TSDKENBIX 9acTul] cepedpa sierkuM renuem [20]. 'pannyHOE ycnoBre Ha BXOJE B KaHAJ HE Mpeay-
CMaTpUBaJIO 3aJaHKe TIOTOKA TUMEPOB M3BHE. JluMepbl (OpMHUPOBATUCH B pacyeTHOM obmactu. Ha
OCEBOM pacHpeEeJIEHNH INIOTHOCTH AUMEPOB MAaKCUMYM HE COBIIAAAET C BXOJHOM I'paHUIIEH, a cMe-
IIeH BHU3 M0 TedeHuro (puc.7, 8). B pacmmpstomieiics cTpye Xxapakrep W3MEHEHHUs IUIOTHOCTEH
KOMIIOHEHTOB OJIMHAKOB. Jl0JIs1 IMMEPOB cepedpa HECKOIbKO NPEBBIIIACT 3HAYCHUE 12 [Nag > 1073
B JIaJIbHEM TIOJI€ CTPYH, YTO COBIAAAET C MHTETPAIbHOM OIIEHKOH (CM. puc. 4).

OceBble pacrpeiesieHus CKOpocTH (puc. 9) 1eMoHCTpHUPYIOT 3PP EKT MpOCKaIb3bIBAHUS TEITHUS
u cepebpa, XapaKTepHBIN ISl Pa3peKEHHOT0 TEUCHUS U ClTydast O0JIBIIIOr0 OTHOIIEHHUS Macc KOM-
MOHEHTOB. BHHO, YTO CKOPOCTH aTOMOB U JUMEPOB cepedpa okazbIBatoTcs Oyn3ku. Temmeparypa
nuMepoB (puc. 10) oka3pIBaeTCsl YyTh BBIIIE TEMIIEPATYpPhl aTOMOB Ha HAYAJIbHOM YYacTKE LIUJIUH-
JIPUYECKOTO KaHana. B najgpHeM moje cTpyd TeMmrepaTypbl BceX KOMIIOHEHTOB MPUOIU3UTENHLHO
COBIMAJALOT.

n,m
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Puc. 7. Konnenrpanus aumepos cepedpa Puc. 8. OceBrle pacnpeneneHus KOHICHTPALUU

remust (1), atoMoB cepedpa (2), TMMepoB cepe-
opa (3) u gonu quMepoB (4)
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3. 3axkaouyenue

B pabote npeacraBieHsl pe3yabTaThl YUCICHHOTO UCCIIeI0BaHUs Tpoliecca 00pa3oBaHus Ma-
JIBIX KJIACTEPOB B PACUIMPAIONIEHCS B BaKyyM pa3peKEeHHOW CTpye CMeCH rejius U mapoB cepedpa.
Pacuersl BBIOIHEHBI METOAOM NIPSIMOTO CTaTUCTUYECKOro MoaenupoBanust Monre-Kapio. Ilpen-
JI0’)KeHa KMHETHYecKas MOJIelb, OMKCHIBAIONIas Mpolecchl 00pa3oBaHus U pocTa cyOHaHOpa3Mep-
HBIX KJIACTEpPOB cepedpa.

YucneHHoe ucciae0BaHye MPOBEACHO IS TUANa30Ha MapaMeTPOB, XapaKTEPHBIX I SKCIIe-
PUMEHTOB 1O OTPA0OTKE TEXHOJIOIMU BaKyyMHOTO-Ta30CTPYHHOTO OCaKICHHSI HAHOCTPYKTYPHBIX
IJICHOK OJIarOpOJIHBIX METAIOB [4]. B aKcriepuMeHTaIbHBIX YCIOBUSAX POCT HAHOKJIACTEPOB IIPO-
HCXOJUT HEMOCPEACTBEHHO Ha MOBEPXHOCTU 0OpabaThiBaeMol MOuI0KkH. OnHAKO, A JT0CTa-
TOYHO Pa3peKEHHOr0 TEUEHHUs HaOJIo/aeTcsi BbICOKas M0Jisi CyOHAaHOpa3MEpHBIX KJIacTEpPOB B
CBEPX3BYKOBOH CTpye (1011 JUMEpPOB OT 4ucia MoHoMepoBs Gosee 107%). IIpoBeneHHOE B HACTOSI-
el pabote MccieoBaHUEe MOATBEPKIACT BO3MOXKHOCTh 00pa30BaHUSl MajbIX KJIACTEPOB HETO-
CPEACTBEHHO B Pa3peKEHHON CTPYye TOJBKO MPH ONMPEAEICHHOM BHIOOPE TapaMeTPOB MOJIENHN IPO-
necca kiacrepusauuu. [lpeanonaraercs cymecTBeHHO Oouibliee BpeMs >KU3HU METacTaOUIbHOTO
JMMepa 10 OTHOIIEHHUIO K YIPOILIEHHONH MOJIENN TPOUHBIX CTOJKHOBEHHH. OO0OCHOBAaHUE JAHHOTO
JIOTYILIEHUs TpeOyeT MPOBEACHUS TOTIOJHUTENBHBIX UccieqoBaHui. Takke mpencraBisercs Lese-
CO00pa3HbIM 00CYX/JIEHHE MHBIX MEXaHU3MOB (POPMHUPOBAHHUS AMMEPOB, HAMPUMEP, Ha CTEHKaX
COIUTIOBOTO OJIOKa.

[IpencraBieHsl pe3yiabTaThl O Ta30JUHAMHYECKUX MapaMeTpax CyOHaHOpa3MEpHBIX KilacTe-
poB cepeOpa. [TokazaHo, YTO CKOPOCTH M TEMIIEPATYPhl MAJIBIX KJIACTEPOB OJM3KH K CKOPOCTSM U
TEMIIEpaTypaM pacIIUPSIOIErocs napa MOHOMEPOB.

bsaronapHocTH M CCHUIKH HA TPAHTBI

Hacrostimmas paboTta BeITosiHeHa 3a cueT rpaHTa Poccuiickoro Hayunoro donma N22-11-00080.
BeruncnutenbHble pecypcsl npenocrasieHbl CynepKoMIbIOTEPHBIM LEeHTpoM «llonurexHu-
YECKUM.
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