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HEU3OTEPMUYECKASA HYKJITEALUA U ®OPMUPOBAHUE KJIACTEPOB SiO,

AHHoTanms. B paboTe npeacTaBiaeHbl pe3ynbTaThl MOACIMPOBAHUS IIPOLECca TOMOTEHHONW HYKJICAIMH MapOB JTHOKCH-
Jla KPEMHHUSI C ETbI0 yIyUIIeHUs TOHUMaHHUsI 0COOEHHOCTH pabOoThl BEICOKOTEMIEpaTypHoro cTenaa. Ipomece Hykneanuu
OMKCaH KaK Pe3yJbTaT TPOHHOTO CTOIKHOBEHHS: ABYX MOJEKYJ AMOKCHAA KPEMHHUS U TI000H TPeThel MOJIEKYIIBI B Fa30BOH
cmec. [lokazano, 4To mMpH OOMBIINX MEPECHIIEHHUAX Mapa HyKJIeaIys NMeeT CYIIeCTBCHHO HEM30TePMUIECKHH XapaKTep.
Ipu srom dopmupyercst Gomee 10°' kmacrepos/m’. Beigenenne cKpeIToif TeIIOTH (a30BOr0 MEpexoia CyMECTBEHHO, HA
coTHH rpagycoB KenbBuHa, MOBHIIACT TEMIIEPATY Py ra30Boit cMecu. OOHApYIKEHO, YTO YeM BBILIE IEPECHILICHUE Napa, TeM
MEHbIIIe KBa3UCTAI[MOHAPHBIH pajinyc HAHOMETPOBBIX KJIACTEPOB. DTOT AP PEKT BIUsET Ha OPOYHOBCKOE OCaXACHHE KIIacTe-
POB Ha TTOJIOXKKY.
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NONISOTHERMAL NUCLEATION AND FORMATION OF SiO, CLUSTERS

Abstract. The paper presents the results of modeling the process of homogeneous nucleation of silicon dioxide vapors.
The purpose of the modeling is to improve the understanding of the operating features of a high-temperature stand. The nu-
cleation process is described as a result of a triple collision between two molecules of silicon dioxide and any third molecule
in the gas mixture. It has been demonstrated that at high vapor supersaturations, nucleation exhibits a significantly non-iso-
thermal character. The formation of more than 10*' clusters per cubic meter is observed. The release of latent heat of the phase
transition significantly increases the temperature of the gas mixture (by hundreds of degrees Kelvin). It is found that the higher
the vapor supersaturation, the smaller the quasi-steady radius of nanometer clusters. This effect influences the Brownian
deposition of clusters on the substrate.
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BBenenue. DkcriepMeHTANIbHBIE PE3YJIBTATHI 10 OCAKJACHUIO HA PACIlJIaB HAaHOYACTHI] JHOKCHAA
KpEeMHHSI, 00pa30BaBIINXCS MOCIE HyKJICAlNX MAapoB JUOKCHIa KpeMHus, mpuBeneHs B [1]. [Tokaszano,
4T0 3 PEKTUBHOCTH OCAXKACHUS AOCTATOUYHO HU3KAsl U 3aBUCUT OT MaTepuaja peKypcopa, 10CTaBs-
IOLIEr0 aTOMBbl KpeMHHUsI B peakTop. Camoe yIuBUTENBHOE, YTO MIPU YBEITUYECHUN IPOU3BOAUTEIBHOCTH
TOPENKH JJIsI TOTYUYCHHS TUOKCHAa KpeMHHUSI 3 EKTUBHOCTD OCaXKICHHSI HAHOYACTHUL] BO3pacTaeT, He-
3aBHCHUMO OT BHJA HMCIOJIB3YEMOro ChIpbs (IpeKypcopoB). B nureparype HET 0OBSICHEHUS ITOrO d-
(exTa, IPIMBIX H3MEPEHHUI TEPMOJIMHAMUYCCKHUX MApaMETPOB B 30HE HyKJIealuu HeT. OTMETHM, 4TO
IIPY OJMHAKOBBIX MAaCCOBBIX pacxolax y oOeHX cMeceil ra3oB, KOJMYECTBO KPEMHHUS, JOCTaBISAEMOIO
B peakTop razom npexypcopa OMCTS (xumuueckas ¢opmyna [SiO(CH3),],), B 2,2 pa3a Bbliue, yeMm
SiCl,.

[IpeacraBnsieTcs, YTO0 HEOOBIUHBIN AP deKT yBeanueHus: 3GpPEeKTUBHOCTH OCAXKIACHUS MIPH yBEIU-
YEHUHU TI0JIa4X IPEKYPCOPOB B TOPENIKY YCTAHOBKH 3aCy’KHMBaeT OTACIBHOro n3ydeHus. Llens pabo-
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TBl — YCTAHOBUTHh (DU3NUYCCKUN MEXaHU3M, OOBSCHSIONUN YBEIUYCHHUE OCAXKICHHUS HAHOYACTHI] IIPH
YBEJIMYCHUH MPOU3BOJUTEIBHOCTU TOPEIKH.

MartemaTndeckas MoaeJdb (GOPMHPOBAHUS KJIACTEPOB THOKCUAA KpeMHHs. [ OonbImx Te-
PECHILIICHHH TTapa JTUOKCUAA KPEMHUS, BBICOTA TEPMOIMHAMHYECKOTO Oaphepa sl 00pa3oBaHUs KpH-
THYECKOTO 3apObIIa, CBI3aHHAS C BKJIAJIOM TIOBEPXHOCTHOW CBOOOIHON SHEpPruM, BeChMa Maja, OKO-
10 kT, Tlpu 5TOM pagryc KpUTHYECKOTO 3apObIiia, BRIYUCIEHHOTO 110 hopmye ['mO6ca, cylecTBeHHO
MeHbIe 1 Hm [2].

Jl71s1 TakOro MalleHPKOTO TEPMOJIMHAMHYECKOT0 Oaphepa Mpolece HyKIIealuu ¢ JIOCTAaTOYHON TOY-
HOCTBEO MO’KHO OITUCATh KaK TPOHHOE CTOJKHOBEHUE: JIBYX MOJISKYJI JTUOKCHIAa KPEMHHUS U TI000U Tpe-
Theil MOJIEKYJIbI B ra30BOM cMecH. YUCII0 TaKUX TPOMHBIX CTOJIKHOBEHUN B AMHUILY BPEMEHH B €IUHUY-
HOM 00BEME U OIpEeJeIsieT CKOPOCTh Hykieanuu / [3]. B pamkax 3Tol MoJen CKOPOCTh HyKieanuu /
MPSIMO MPOTMOPLHOHANIBHA MTOJIHOMY AaBJCHUIO B cucTeme. Kpome Toro, ckopocTh HyKJI€aluu IpsiMo
MPOMNOPLUOHANIBHA KBaJApaTy MJIOTHOCTH Mapa JUOKCHAA KpeMHUs. BripaskeHrne CKOPOCTU HYKJICAlMU
eIUHUIIC 00beMa HMECT BUT

I 4n’n’p 8kTr5 )
3kT wm

rae P — moiHoe JaBJICHUE B CUCTEME; 71 — YHMCJIOBAsl INIOTHOCTh MoseKyll SiO,; m — Macca MOJEKYJIbI
Si0O,; r, — paauyc cdepsl 171 pacyeTa TPOHHOIO CTOJIKHOBEHHUS; k — mocTrossHHas bonbivana. Benuun-
HY ¥, MOXHO IIPUOINKEHHO OIPEAEIUTh, UCIOIb3Yysl CPEIHEE PACCTOSHUE MEXAY MOJEKYJIaMHU B Ma-
KpockonuueckoM obpasue SiO,. Mmeem

/
3 amu(28+32))"
Fo = , )

4 psio,

rJe amu — aTOMHas €IMHMIA MAcChl; Psio, — MAaccoBas MJIOTHOCTh MAaKPOCKOIUYECKOTO JHMOKCHIA
kpemuust. [locne npoctoro pacuera umeem u3 (2), uro r, = 0,209 Hm.
Jlist npuONMIKEHHOr 0 pacueTa CKOPOCTH HyKJI€aluu B COILIe /, MOXKHO MCIIO/Ib30BATh BhIPasKEHHE

1,=1Q,

rze ) — 06beM coria Ui MPoKayKH MpeKypcopa U JpyTrux ra3os.

IIpumenenne knaccuueckoil Teopun Hykieannn Openkensi—3enaba0Bu4a [2] HEBO3MOXKHO B cliydae
0ONBIINX MEPECHIIICHNH Tapa, Tak KaK pa3Mep KPUTUYECKOTO 3apo/Iblla HACTOIBKO MaJl, YTO HUCIOb-
30BaHME MOHATHN MOBEPXHOCTHOTO HATSKEHHSI 1 XUMUYECKOT'0 MOTEHIMANA JJIsl TAKOTO 3apOoJbIlia U3
2 MOJIeKyJ1 MaJio 000CHOBaHHO. B wacTHocTH, pacuer no ¢opmysie ['mb0ca paguyca KpUTHIECKOTO 3a-
ponsima naet BenuunHy MeHee 0,1 HM. [Ipu 3TOM nepecslienne napa S paBHO OTHOIIEHUIO

S=n/ny(T),

ny(T) — 4ucnoBas IJIOTHOCTb HACBIILEHHOTr 0 1apa pu remueparype 7 [4].

s Hamied 3ajauM MaTeMaTH4ecKas MOJIEIb HEM30TEPMHUYECCKON HYyKJICAIMW BKJIFOUAET B CeOs
yYpaBHEHHUE /ISl U3MEHEHU S pajuyca 3apoJiblilia, YpaBHEHUE 1151 U3MEHEHU s TEMIIEpaTypbl 3apobillia,
ypaBHEHUE JIJIsI U3MEHEHUS YUCIIa PACTYIIMX KJIACTEPOB B eAMHUIIE 00beMa. B Mojenb Takxke BXOIST
YpaBHEHHUE JJIs ONMCAHUSA U3MEHEHUS MJIOTHOCTH Napa 3a CUET FOMOT€HHOW U Te€TepOreHHON KOHJEH-
callMy ¥ ypaBHEHHMS JIJIs U3MEHEHHS TEeMIIEPaTyPhI Ilapa 3a CUeT TeIJIOOOMEHA C PacTYIUMHU KlacTepa-
Mu. B3anmoelicTBrEe MOJIEKYJI ITapa U MOJICKYJI Ia3a ¢ KJacTepaMu UJCT Mpu aTMOC(HEepHOM JaBICHUH
B CBOOOTHOMOJIEKYJISIPHOM PEXKUME.

YpaBHEHUE JIJIs1 U3MEHEHHS YHCia Ki1acTepoB N B €UHULIE 00beMa HMEET BUJL

dN

== [(T,n).
% (T, n)

Hagansaoe ycmoue — N(0) = 0.
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ypaBHCHI/Ie JJIs1 HEU30TECPMHUYICCKOT'O pOCTa KJIaCTepa RB CBO60,I[HOMOJ'I€KynFIpHOM PEKUME UMECT BU/T

dR I
_—_ [nTO’S—nS(Td)T;’S], ©)

dr pN2mm

TJIe m — Macca MOJISKYJIBI IMOKCH1a KPEMHUSL.
Hauanpnoe ycrmosue st R(0) = 0,27 HMm.
YpaBHeHUE IS pacyeTa U3MEHCHHS TeMIIepaTyphl KJIacTepa 3a CYET BhIICIICHUS CKPBITOW TETLIOTHI
(ha3oBoroO MEpexo/ia ¥ TeII000MEeHa C OKPYIKAFOIIUM HEKOHICHCUPY FOIIIMMCS Ta30M OCHOBAaHO Ha 3aKO-
HE COXPAHCHUS SHEPTUH U UMEET BH/]T

dT; 3 dR Ay + A,

a R a e ) w
TA€ MOTOK SHCPIruu MEXAY KJIACTCPOM U HCKOHACHCHUPYIOIIMMCA ra30M Aair paBCH
P kT
Aair = (E — nj p— (2,5k+0,5k)(T —T).
W noTok sHeprun Mexay KJIacTepOM U MapoM A, 3aIIUCBIBAETCS KaK
4, = ﬁ[ﬂ“ (eyT +0,5kT +U) = ng(T)Ty" (e,Ta +0,5kT; + U)].

B sToMm ypaBHeHMM m — Macca MOJEKYJbl JUOKCHJA KPEMHUS; M, — Macca MOJIEKYJIbl HEKOHIEH-
cupyemoro rasa; U U ¢, — CKpbITas TEIIOTa (a30BOro Nepexoaa U TEIIOEMKOCTh B PAcueTe Ha OAHY
MOJIEKYJTY COOTBETCTBEHHO.

HauvanbsHoe ycnosue st Beipaskenus (4) — 7,(0) = T,

YpaBHeHUe 715 pacueTa H3MEHEHUS IIIOTHOCTH I1apa BhIPAKaeT 3aKOH COXPaHEHUS MOJICKYJI JTUOK-
CUa KPEMHHS U UMEET BUJI

an_ _gnpin LR

dt mdt’

®)

Havanenoe ycnosue — n(0) = n,,.
VYpaBHeHUe s U3MCHEHUSI TEMIIEPaTyphbl Tapa BbIpa)kaeT COOOM 3aKOH COXpAHEHHUS SHEPrUu
U UMECT BH]T

dT _ 4nR*NkT

d
i (Ay + Ay ) =T 6)

dt

Hauansnoe ycnosue mist 7(0) = 7, = 2400 K.

Pe3yabTaThl yHc/IeHHOT0 MojiesinpoBanus. CucTeMa HeTMHEHHBIX OOBIKHOBEHHBIX uddepeHiu-
anpHBIX ypaBHeHH (1)—(6) pemranack ¢ momoisio mporpammbl Mathcad 15. Hawanpnas Temnepatypa
ra3oBoil cMecu A pacuero Obuia npunara 2400 K, HayasibHas IIOTHOCTD () U3MEHSIIACH B IMPOKUX
npeaciax B COOTBETCTBUU C UBMECHCHUEM HA4YaJIbHOI'O NNEPECHINICHU A. B xauectBe HEKOHACHCHPYIOLIC-
r'0 raza paccMaTpuBalics a30T. Pe3ynbTaThl pacueToB MPUBEACHBI Ha puc. 1-4.

Ha puc. 1 moka3ansl 3HaueHUS (PUHAIBHOTO (KBa3HWCTAIMOHAPHOT0) paanyca KiacTepa B 3aBUCH-
MOCTH OT HayaJlbHOI'O 3HAYEHHUS MEPECHIIEHUS Mapa MpU HavyajJbHON TeMmIepaType ra3oBod cMecu
2400 K. OTr 3HaYeHUS paguyCcoB JOCTUTAIOTCS IPUMEPHO depe3 1 MKC Mmocie Hadaaa KOHICHCAIIUH T1a-
POB. O‘-ICBI/IIIHO, YTO OCAXKACHHUC TaKUX HAHOMCTPOBBIX KJIACTCPOB U3 JIAMUHAPHOT'O IMOTOKA UACT C I10-
MOIIBIO OPOYHOBCKOU AUP(Y3HH.

Ha puc. 2 moka3zansl pe3ynbTaThl pacueTa OTKJIOHEHU KBa3UCTAIIMOHAPHON TeMIIepaTyphl KacTe-
POB OT HauaJbHOW Temmeparypbl. OTMETHUM, YTO TEMIIepaTypa napora3oBoil cMecH B 30He (a3zoBOro
repexoia MOHOTOHHO TOBBITIIAETCS M 4epe3 MPUMEPHO 1 MKC OHa MPaKTUYECKH COBMAJAET C TeMIIepa-
TYpO#l KJIaCTEPOB.



Joknanel HanmonanbHo# akagemun Hayk benmapycu. 2025. T. 69, Ne 3. C. 242-247 245

1,60 T T T T T T T T

1,55 1 4

1,50 1 _

1,45 .

1,40 g

Panuyc kimactepos, HM

1,35 i

1,30 1 _

T T T T T T T T T T T T T T T T
200 250 300 350 400 450 500 550 600
[Mepecrimenne mapa
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Fig. 1. Cluster radius vs initial supersaturation S
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Puc. 2. 3aBUCHMOCTB HarpeBa IaporasoBoil CMecH B 30HE KOHACHCAIIMHU OT CTENICHU MepechIleHus napa S

Fig. 2. Dependence heating of the gas-vapor mixture in the condensation zone vs of supersaturation §

[NoBbieHHE TeMIIEPaTyPhl KJIACTEPOB CBS3aHO C BBIJCIICHUEM CKPBITOW TEIUIOTH (a3oBoro mepe-
xoma. bompImasi CKOpoCTh TEIIO0OOMEHa MEXAY KJIACTEpPaMU M Ta30M CBsi3aHa ¢ OOJBIION YHCIOBOMN
MJIOTHOCTBIO KJIACTEPOB M CBOOOTHOMOJICKYJISIPHBIM PEKUMOM B3aUMOJICHCTBHSL.

Ha puc. 3 nokazana 3aBUCHMOCTH YHCIIOBOW TUIOTHOCTH KJIACTEPOB OT CTEIECHH HEPAaBHOBECHOCTH
(HayapHOTO TepechlieHus) napa. OTMETHM, YTO MEpechIIIeHHe Mapa 3aBHCUT OT MAacCOBOTO pacxofa
MUTAIOIIET0 areHTa U ero Npuposl (puc. 1) U 1o Mepe oOpa3oBaHus OONBIIOrO YKHCIa KJIaCTEPOB Mepe-
CBIIIIEHHE, KaK MPaBHIIO, MMajaeT. B HamleM cirydae HarpeB KJIACTEPOB BBI3BIBACT JOTOJHUTEIBHOE HC-
napeHre MOJISKYJT JIMOKCH/Ia KPEMHHUS U3 KJIACTEPOB B ra3oByto ¢a3zy. [losBieHe HOBBIX MOJICKYJ Tapa
BEJIET K YBEIIMUYCHHUIO CKOPOCTH HyKJiearuu. [Ipu TakoM ObICTpOM (hOPMHUPOBAHUH U TEMIIEpaType Kiia-
CTEpbI TUOKCH]IA KPEMHUST OYy T, KaK IPaBUIIO, XKUJIKUMHI aMOP(GHBIMHU 00pasliaMu. XapakTepHOE BpeMst
KPHUCTAILTH3AINH [OCIe OXJIAXKICHHS KIACTEPOB MOKHO OLEHHTH Kak R* / D. 3neck D — kod(duieHT
camomudPy3un MOJIEKYJ JTUOKCHIa KpeMHHUs. J{JTs KiiacTepa ¢ painycoM 2 HM BpeMs KPHCTaILTU3AIH
COCTAaBJIACT IOpAJIKa 1 C, HTO HAMHOI'O 0OobIIe JJIUTCIIbHOCTU SKCIICPUMEHTOB B HAILICM I/IHCTI/ITYTG.

B [5] mokazano, 4To 3 QEeKTHBHOCTH OCAXKJICHUS W HAHOYACTHUI] U3 MapaijIebHOTO TOIJIOKKE TI0-
TOKa MPSIMO MPONOPIIMOHATBHA KOPHIO KBAaJpaTHOMY M3 Koddduuuenta OpoyHoBckor nuddysuu D,.
O hexTUBHOCTD OCaXACHUS W TIO3TOMY BeJIET ce0sl KaKk

T3/4
w~—-.

R
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Puc. 3. 3aBUCUMOCTB YHCIIOBOH MJIOTHOCTH KJIACTEPOB OT CTEIICHH MEPECHILICHUS apa S

Fig. 3. The number density of clusters vs of supersaturation S

310 -

300 u

290 -

280 4

270 m

260 u

250 -

D ek TUBHOCTD OcaxqeHus (y. €.)

240

T 1 ' T . T T 1 T T T
200 250 300 350 400 450 500 550 600

Ilepechimenue napa

Puc. 4. Db PeKTHBHOCTE OCaXKICHNUS KIACTEPOB W OT CTETIEHH NEPECHIMECHUS S

Fig. 4. Clusters deposition efficiency w vs of supersaturation S

Ha puc. 4 mokazana 3(h(peKTHBHOCTH OCaXKICHHS (B YCIOBHBIX IMHUIIAX) KJIACTEPOB HA TIOIJIOKKY
P Pa3INYHBIX Mepechimennsx. OOpaTuM BHUMaHHE, YTO IIPYU OTHOCHTEIBHO HEOOIBIINX EepPECHIIIe-
HUSX napa 3¢(HeKTHBHOCTH OCAXK/IEHUS JIMHEWHO BO3paCcTaeT MIPH YBEINYCHUH TIEPECHIIICHNUS.

3akJuroyenue. [IpoBeneHo drcIeHHOE MOJEIUPOBAaHUE TOMOTE€HHON HYKJICAIWH TapoB JTHOKCHAA
KpPEeMHHS 1 pocTa KiacTepoB. [lokazaHo, 9To mpu OOMBIINX EPECHINEHUAX ITapa HyKJIealns UMeeT Cy-
IIECTBEHHO HEM30TEpMHUUECKUM xapakTep. KnHeTHka HyKjealuu OonpeaeiseTcss KWHETUKON TPOMHBIX
CTOJIKHOBEHHH IBYX MOJIEKYJI THOKCHIA KPEMHHUS U JIF0OOU Ta30BOI MOJIEKYIIBL. B pe3ymnbrare Boimee-
HUSI CKPBITON TETLIOTHI (ha30BOTO IMepexoja TeMIleparypa KIacTepOoB CYIIECTBEHHO (COTHHU T'PaJIyCcoB)
1 OBICTPO (~] MKC) BO3pacTaeT 1o CpaBHEHHIO C HAYAILHOU TEMITepaTypoit cMech. ITOT 3P deKT 3amen-
JIIET CKOPOCTh YBEIUYCHUS pagnyca KJIACTEPOB M3-3a UX YACTUYHOT'O UCTIApEHU .

B paborte nokazaHo, 9T0 B criry ObICTPOT0o (POPMUPOBAHUS M BRICOKOI TeMIIepaTypbl KJIacTephl -
OKCHJIa KPEMHUS OYAYT KUIKUMHU U aMOP(HBIMH.

Panee O6b110 TTOKA3aHO [5], 9TO 3(HEKTHBHOCTH OPOYHOBCKOT'O OCAXICHHUS KIIACTEPOB Ha TOIJIOKKY

13 Tra30BOr0 MOTOKA MPsIMO MPOMOPIIMOHATbHA \/E . Takum 0Opa3oM, MosydeHHBIE TaHHBIC BIIEPBbHIC
MTO3BOJIIOT OOBSICHATH SKCIIEPUMEHTAJIEHO HAlIeHHBIE paHee 3aBUCUMOCTH [1].

OKCHEepUMEHTAJIbHYI0 BEepU(UKALMIO HAIIUX PE3YJIbTATOB BBIMOJHUTH JIOBOJIBHO TPYIHO H3-3a
IIPOCTPAHCTBEHHO-BPEMEHHBIX MaclITa00B MpoueccoB. TeM He MeHee, Les1eco00pa3HO U3MEPUTh TEM-
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nepaTypy KjacTepoB BO BpeMs SKCIIEPUMEHTOB C MOMOIIBIO GoTodMuccruonHoro nupomerpa NP 18
(pa3pabotka MucTUTyTa Temno- u Maccoobmena uMm. A. B. JIeikoBa HAH benapycn). Tax ke Ob110 OB
MHTEPECHO OLCHUTH BEPXHHUE pasMepbl OCaKJIAEMBIX YACTHI[ C MOMOIIBIO PACCESHHS J1a3€PHOTO
U3y YeHUSI.
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