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HaHpH}KeHI/IH B IINIeHKaX AMOKCH/JAa KpeMHMd, HallblJIEHHbIX N3 AUJIEKTPUYEeCKHUX

MHUIIIEeHel: pe3yJbTaTbl aTOMUCTUYECKOI'0O MOJAeJIMPpOBaHNA

@.B. I'puropses,!* B.B. Cymumos,' A.B. Tuxonpasos'

! Mockoscxuti zocydapemeeniond yrnusepcumem umeryu M. B. Jlomonocosa,
HAYUHO-UCCAEAOBAMENLCKUL BDIHMUCAUMEALHDIT UEHITD
Poccus, 119991, Mockea, Jlenunckue 2opwi, 0. 1, cmp. 4
(ITocrynmna B penakuuto 09.11.2023; nocse mopaborku 22.11.2023; noguucana B nedars 28.11.2023)

[IpenokeHHBII paHee METO/T MOJIEKY/ISIPHO- THHAMUIECKOT'0 MOIEINPOBAHNS HAIBIIEHNS TOHKIX
IIJIEHOK U3 METAJIJIMYEeCKNX MUIIEHeNH aJlallTUPOBAH K CIydal0 JWIJIEKTPUYECKUX MUIMIEHEH U IpuMe-
HEH K IJIEHKAM JUOKCHZIa KpeMHHUs. BO3MOKHOCTD BbLIETa U3 MHUIIEHEH HE TOJIHKO ATOMOB KPEM-
HUSI, HO U KJIACTEPOB C aTOMaMU KHCJIOPO/Ia YITEHa IIyTeM J00aBJIEHHs B MMOTOK OCAXKIAEMBIX aTO-
MoB mosteky1 O=Si=0. [losydeHnr aToMUCTHYIECKIE KIACTEPHI IJIEHOK TP BBICOKOIHEPTETUIECKOM
U HU3KO9HEPreTUYeCKOM HaIlbIJICHUN IIPU PA3JIMYHOM IIPOIEHTHOM COAEPrKaHUU MOJIEKYJ B IIOTOKE
OCaXKJaeMbIX aTOMOB. PaccumTanbl BeJIMYNHBI KOMIIOHEHT TeH30pa Hamnpsizkenwuii. [Ipu BeicokoaHEP-
FeTUYECKOM HAIBLIEHNH HAOJIIOMAI0TCS CKUMAIONINE HAIPSKEHUsI, IPH HU3KOIHEPTETUIECKOM —
pactsruBatornue. AGCOTIOTHBIE BEJIMYUHBI INATOHAIBHBIX KOMIIOHEHT TEH30pa HAIPsIKEHUIl pacTyT

C YBE€JIMYEHUEM [10JIM MOJIEKYJI B IIOTOKE OCazKIaeMbIX aTOMOB.
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BBEJIEHUE

QDusnyeckoe HAIBLICHUE SBJIAETCS OTHUM U3 HAHOO-
Jlee PACIPOCTPAHEHHBIX METOJIOB U3IOTOBJIEHHS OIITHU-
YeCKUX HOKPBITHH pas3iimaHoro Hazunadenus [1]. Hanbo-
Jiee TMUPOKO PaACIPOCTPAHEHHBINH TJICHKOOOPA3y IOt
MaTepuaJs ¢ HU3KUM TOKA3aTeIeM IPEJIOMIICHIT — JTH-
okcu, KpeMuusi. [Ipu HAIbIIEHNN IIJIEHOK JUOKCHIA
KPEMHUS B Ka4eCTBE MUIIEHU MOTYT UCIOJIb30BATHCS
KaK KPEMHUEBbIE MUIIIEHH [2], TAK U MUIIEHU, U3rOTOB-
JIeHHBIE U3 cTekj1000pasHoro SiO2 (aussekrpudeckue
muiiern) [3]. B o6oux ciydasix aTOMHbIE KJIACTEpPHI,
[epeBejieHHbIe U3 TBEePJO MUIIEHN B ra3oByio (da3y
UCTIAPEHUEM WJIM PACIBIIEHAEM ITYIKOM BBICOKOIHED-
PeTUYEeCKUX MOHOB OJIANOPOJHBIX 3JIEMEHTOB, PaCIpO-
CTPAHAIOTCS B BaKyyMHON Kamepe OT MUIIEHU K IO/
JIOXKKE U OCaXKIAIOTCd Ha Hel, obpa3ys CJIOu ILJIeH-
ku [1]. I3 kpemuuesoii muiienu B rasosyio ¢dasy me-
PEXOJISAT TOJBKO OTIEJIBHBIE ATOMBI U KJIACTEPHI KPEM-
HUsI, U3 JUJIEKTPUIECKON B COCTaBe KJIACTEPOB B Ia-
30BOit haze OyIAyT TaKKe U MOJEKYJIBI PA3JIMTHOTO CO-
craBa. Takoe pazjmdaue B cocTaBe MOTOKOB OCAXK/IAe-
MBIX Ha ITOJIJIOXKKY YaCTHUI[ IIOBJIeYeT 3a cOOOil pas/iu-
4qpe B CBOMCTBAX IJICHOK.

DKCIEPUMEHTAJIBLHOE HCCIIEIOBAHNE BJIUSTHUSA KJla-
CTEpPOB Ha CBOWCTBA IJIEHOK 3aTPY/HEHO, TaK KaK CO-
CTaB IOTOKA OCAYKIAEMBIX YACTHUI] 3aBUCUT OT MHO-
IUX TIapaMEeTPOB — SHEPreTUYECKOTO U yTJIOBOTO Pac-
[pejiesIeHus MOHOB HJIATOPOHBIX JIEMEHTOB, B3aMMO-
JIEHCTBYIOMIMX ¢ MUIIEHBIO, IJIOTHOCTH MOTOKA HOHOB,

* E-mail: fedor.grigoriev@gmail.com

COCTaBa W JABJIEHUs ra3a B BaKyyMHO# kamepe, (hop-
MBI IOBEPXHOCTU MUMIEHU BCJIEJICTBUE €€ SPO3UA U T.JI.
B ¢BA3u ¢ 9TUM HUCHOJB30BAHUE METOIOB MOJIEKY-
JIAPHOTO MOJIEJIMPOBAHMS JJIsd U3y YEHUs CTPYKTYPHBIX
" MEXaHMIECKUX XapPAKTEPUCTUK IJIEHOK ITPEICTABIIsI-
€TCsl OLPABJIAHHBIM.

B macrosmeit pabore MeTOmOM MOJEKYISIPHON JTH-
mamuku (MJI) 1poBEIEHO CYNEePKOMIIBLIOTEPHOE MO-
JIeJIMPOBAHKME POCTa TOHKHMX ILIEHOK JMOKCHA KPEM-
HUSI, TIOJYYAEMBIX METOJIOM (DU3MIECKOTO HAIBLIE-
HUSI M3 KPEMHUEBBIX U JIUIJIEKTPUIECKUX MUIIEHEH.
TIpoBesieHO  HCCIeIOBAHUE HAIPSI?KEHUH, BO3HUKAIO-
HUX B TOHKMX ILJIEHKAX B IIPOIECCE UX POCTa U HMe-
IOIUX BaykKHOe 3HadeHue i npuioxkenuii [1]. Pac-
CMOTPEHBI CJIy9an BBICOKOIHEPIeTHIECKOrO M HHU3KO-
SHEPreTUYECKOTO HAIBLICHHsI. DBeJUYuHbl HANPIZKe-
HU PACCYUTAHBI B 3aBUCUMOCTU OT IPOIEHTHOIO CO-
JIEPIKAHUS MOJIEKYJI B IIOTOKE OCaXKJIAE€MBIX HA II0JI-
JIOXKKY 9ACTHI, UTO IO3BOJISIET MPOBECTH PA3IMIUE
MEXKJY METAJIMIECKUMU U JUIJICKTPUIECKAMU MUIIIE-
HaMu. TakzKe HCCIe0BAHO MU3MEHEHUE HAIPSIZKEHUIt
B IJIEHKAX [IPU UX HATPEBE.

1. METOJ MOJAEJINMPOBAHNAA

Cxema HaIbLIEHUS TOHKHUX IIJIEHOK IpeJICTaBICHA
na puc. 1. IIpu aToMucTHYIECCKOM MOJIEIMPOBAHIY TTPO-
Iecca poCcTa NJICHOK BBIIEIAETCT MHUKPOCKOINYECKU
KJIacTep ¢ XapakTepHbIM padMmepoM 10-100 aM n umc-
JIOM ATOMOB OT HECKOJIbKHUX TBICAYT JI0 HECKOJIbKUX
MUJITHOHOB. DTOT KJIACTEP UCIOJIb3YeTCs JIJIs pacdera
mapaMeTpoB IJICHKH.
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IIpu BBICOKOIHEPTreTUIECKOM HAIBLICHUN UOHBI ap-
INOHA, YCKOPEHHBIE IJIEKTPUIECKUM I10JIeM, BBIOMBAIOT
U3 MUIIEHN YaCTHUIIBI, KOTOPBIE JIBUTAIOTCS K IOJJIOXK-
K€ 1 0CaXKJAI0TCs Ha Hell, TOCTENeHHO (DOPMUPYS CJIOU
mieHku. Kak mpaBuio, paccTosHUuE ME¥K/JIy MUIIEHBIO
U TIOJJIOZKKON MHOTO OOJIbIIIe XapaKTEPHOI'O pa3Mepa
HOYIOKKY [1], H09TOMY B IIEPBOM HPUOJIMKEHUN MOK-
HO CUHTATh, UTO yTOJ HANIBIJIEHUS (¢ OJUHAKOB JIJIS
BCEX YACTHI[ TOTOKa. AHAJOIMYIHOE IPEIIIOI0KEHUE
OyJIeT BEPHO U IIPU HU3KOIHEPreTUIeCKOM HAIIBLICHUH,
KOTJ[a JACTHIIbI U3 MUIIEHN [EPEXONIAT B ra30oByio da-
3y W3-3a €r0 HarpeBa.
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Puc. 1. Cxema HanblLieHUsl TOHKUX ILJICHOK U OOJIACTH MO-
JIEKYJISTPHO- IMHAMHUI€CKOTI'0 MOJICTUPOBAHUST

MopemupoBanue IPOBEIEHO PA3BUTHIM PAHEE METO-
zoM, ocuoBannoM ua M/ [4]. SBHbBIM 06paszom Moze-
JINPYETCS TOJILKO TIOCJIEHSIS CTa sl [IPOIECCca HaIlbl-
JIEHWSI, KOTJIa ATOMbI U3 MHUIIEHU JOCTUTAIOT MMOBEPX-
HOCTH ITOJIJIO’KKHU M PAHEe HAIIBIJIEHHBIX CJIOEB TLIEHKH.
B03MO>KHOCTH BBIX0/I4 U3 MUIIEHN KJIACTEPOB C ATOMa-
MU KHCJIOPOJI& YUYTEHa JIOOABJICHUEM B IIOTOK YaCTHUII
TpexaToMHbIX MoJiekys O=Si=0, objamarommx Toit
JKe CTEXUOMETPHEIi, ITO M MATEPUAJ MUANIEHU U PACTY-
meit tenku. J1os1s MOJIEKyYJT B TOTOKE ATOMOB OIIPE/Ie-
JisteTcsi Kak oTHoterue ancsia Mojiekys O=Si=0 k 06-
EeMy 9HUCIy ATOMOB KPDEMHHS B TIOTOKE YACTHIL:

f =N(0=Si=0)/N. (1)

MoiesiupoBaHye HAIBLIEHUsI OPraHU30BAHO KaK I10-
maroBast Iporeaypa. B Hadase KaxKkioro mara aroMbl
KHCJIOPOJia U KPeMHUsl, a TakKe MoJjieKyabl O=Si=0
pacIoIaraloTcs CayJIaiHbIM 00pa30M B BepXHER ta-
cru obstactu MogiesinpoBanust. OQpUeHTAIST MOJIEKYJT
BeIOUpaercst ciaydaiinbiM obpaszoMm. Eciu B pesysbra-
Te TaKOTO pa3MeIeHus] [EHTPhI aTOMOB OKA3bIBAIOT-
cs Ouizke, 4eM 0.2 HM (32 HCKJIIOYEHHEM ATOMOB KHC-
JIOPOJIa U KpeMHHus B cocraBe MojieKyanl O=Si=0),
KOOPIWHATBI OJIHOTO W3 JIBYX ATOMOB BBIOMPAIOTCS
CHOBa CJIydaifHBIM 00pa30M, IMOKa YKA3AHHOE YCJIO-
BU€ HE BBIMOJHATCS. Beqnduna HAYaJIbHON CKOPOCTH
ATOMOB KPEMHUsI COOTBETCTBYET KUHETHIECKON dHEp-
run 10 5B npu BBICOKOSHEPIeTUYIECKOM HAIBLICHUN

u 0.1 3B npu HuskosueprermyeckoMm HarbiieHuu. Ha-
JajibHbIE CKOPOCTHU ATOMOB KUCJI0PO/Ia, BXOJISAIINX B CO-
craB Mosiekyal O=Si=0, paBHBI 10 BeJMYNHE U Ha-
[IPABJIEHUIO CKOPOCTH aTOMOB KpeMmuwus. Hadasmbubre
CKOPOCTH aTOMOB KHCJIOPOJa, He BXOISIUX B CO-
CTaB MOJIEKYJI, COOTBETCTBYIOT KUHETHIECKOI SHEPIUU
0.1 B kak [jisi BBICOKOSHEPTIETUIECKOTO HAIBLICHUS,
TaK ¢ JJId HU3KOIHEPreTUYeCKOro HalbLieHus. Ha-
[paBJIeHne HAYAJIbHBIX CKOPOCTEN OIIPeJIe/isieTCsi Bbl-
OpaHHBIM YIVIOM OCaXKJIEHHsS M OJMHAKOBO JJIsl BCEX
9aCTHUIl, IOCKOJbKY, KAK CKa3aHO BBINIE, B IKCIIEPU-
MEeHTe Pa3Mep IO/IOKKHM MHOI'O MEHbIIE PACCTOAHUS
OT MUIIEHH JI0 [TOJJIOXKKH.

ITocie Toro, Kak 3ajlaHbl HAYAJIbHBIE IOJIOXKEHUSI
1 HAYAJIbHBIE CKOPOCTH BCEX OCAXKTAEMbIX YACTHIIL, 32~
nyckaercs mozesupoBanue B NVT-ancambie (mocro-
sSIHHBIE YHCJIO YaCTHIl, O0beM U TeMIIEpaTypa, paBHasi
KOMHATHOI). JIjIsl mof/iepKanus oCTOAHHOI TeMIepa-
TYDbI HCIOJIb3yeTcst TepmocTar Bepengcena [5]. diun-
TeJILHOCTDL OJIHOrO IuKJia cocrasiaser 10 nc. Kak ObI-
JIO TI0Ka3aHO paHee [6], Takoil JMTeSbHOCTH JOCTa-
TOYHO, YTOOBI ATOMBI JOCTHUIJIA ITOBEPXHOCTU ILJIEH-
KW, OTAAJIA OOJIBINYIO IaCTh HAYAILHON KHHETUIeCKOM
SHEPIUU ATOMAaM ILIEHKA ¥ IOJJIOKKKA W 00pa3oBa-
JIN C HUMM XUMUYecKue CBsi3u. 110 OKOHYaHWM [UKJIa
BEPTUKAJLHBIA pasMep KJIAcTepa yBEJINYUBAETCs Ha
0.01 1M, 9TOOBI yI€CTH POCT TOJIIUHBI IIJIEHKH, U TTHKJI
nosropsiercs. OOIee YNCI0 IUKJIOB MOJICTUPOBAHMIST
JIOCTUTAJIO JIBYX THICS.

[Torennmanbras SHEPTIUsS B3aUMOIENCTBUS MEXKLY
aTOMAMU PACCYUTHIBAJIACH C HCIIOJIH30BAHUEM APHO-
ro sMmuupudeckoro cuiosoro mnosst DESIL [4, 7]:

Uij = @ia;/ri; + Aij /137 — Bij /75, (2)
rie ) 3aps, i(j)-ro aToMa,
go = —0.5gs; = —0.65e, A;; u Bjj mapamMerpbl
norennuana Jleamapaa-JIxomnca, 7; paccTostHue

Mesk Iy atomamu, Asio = 4.6 x 1078 JIx- (1m)12 /moon,
Asisi = Aoo = 1.5 x 107¢ xJIx-(am)'2 /Mo,
Bsio = 4.2 x 107%  xJx-(um)® /Mo,
Dsisi = Boo = 5 x 107° kJIx-(um)%/momm. Dro
JK€ CHJIOBOE II0JIe HCIOJIb3YeTCd M I ATOMOB
B coctaBe mojiekysr O=Si=0.

MoJteKyIpHO- TUHAMIIECKOE MOJICTUPOBAHIE
OPOBOJMIOCH € HCIIOJb30BAHUEM  IPOIPAMMBI
GROMACS [8] Ha CyHepKOMIIBIOTEPHOM KOMILIEKCE
MTV unmenn M. B. JTomonocosa [9]. Iist BusyaabHOTo
aHaJn3a CTPYKTYP UCIOJIb30BaIach mporpamMma VMD
(Visual Molecular Dynamics) [10].

2. PE3VJIBTATHI 1 OBCY2KJEHUNE

2.1. MoaesupoBaHue HaObLJIEHUS IIJIEHOK U pacdeT
HaNpsi>KeHUil B pacTyIieil IJIeHKe

TopuzonTaabubie pa3Mepbl MOJJIOKKU TIPU MOJICJIH-
poBaHnu HanblIeHns B3ATHI paBHbIME 10 HM 1 30 HM,
KaK U B IPEeJbLLYIIIX YUCJACHHBIX SKcrepuMmenTax [11].
Ilogmoxkka mosydeHa W3 KPUCTAJUIMYECKONH CTPYK-
TYpBl IIyTEM €€ HarpeBa U OXJAXKJICHUs, JICTaJIHI
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Puc. 2. 3aBucuMocTh TVIAaBHBIX KOMIOHEHT TeH3opa Hanpsikennii o (MIla) ot momm { (%) monexyn O=Si=0 B moToke

OocazxK/J1aeMbIX aTOMOB

uporeaypbl onucanbl B [12]. Cropocrb usMeneHnus
TeMIepaTypbl KaK IpH Harpese, TaK W IpH OXJla-
kuaennn cocrasmwia 2 K/me, 4ro ssiagerca Tunmd-
HOM BEJUMHUHON P MOJIEKY/IPHO-IMHAMIIECKOM MO-
nesimpoBanun  [13]. Koneunasi ToJIuHa [HOJIOKKH
cocTaBmIa 5.5 HM.

KoMIoneHTsl TeH30pa HAIPSI?KeHWH paBHBI KOMIIO-
HEHTaM TEH30Pa, JIaBJICHUS, B3ATHIM CO 3HAKOM MUHYC.
KommonenTsr TeH30pa JABJIEHNS, YCPETHEHHBIE 10 TPa-
extopun M/I-MomemnpoBanms aTOMUCTHIECKOTO KJla-
cTepa HaIlBLICHHON IUICHKH, pACCUNTBIBAJIUCH IO CJIe-
JIYIOIIMM BbIpazkenusim [8, 11, 14]:

(3)
rne V — obbem obsiactu mojenuposanus, K u 2
TEH30Pbl KUHETHYECKOW SHEPpruud U BUPHUAJA COOTBET-
CTBEHHO:

1< .
K= EZmivi®vi; = 3 Z fij®r;;. (4)
i=1 ij=1,i%j
31ech CHMBOJI «®» O3HAYACT NPAMOE IPOU3BEICHUE
JIByX BEKTOPOB.

PesysnbraTbl  pacdera  IUarOHAJBHBIX KOMIIOHEHT
TEH30pa HAIIPSAXKEHUH MpUBe/IeHb! Ha puc. 2, 4. Habro-
JIAIOTCS KaK CoKUMarolue Hanpsikernst (o < 0), Tak
u pacrsarusatonye (o > 0). CxRuMarome HanpsizKeHust
XapaKTEPHBI It BBICOKOIHEPTeTHIECKOTO HAIIBLICHUST
upu sHepruu aroMoB kpemuus F(Si) = 10 sB. 3unax
HAIIPSAKEHUIT 1 UX BEJIMYUHBI HAXOAATCS B MHTEPBAJe
9KCIIEPUMEHTAJIbHBIX 3HavYeHnit [15, 16].

Kak Bumno, ¢ pocrom momum O=Si=0 moJiexyst B 1o-
TOKE OCAXkKJAEMBIX YACTHI, abCOIOTHBIE BETHMIUHDI
JINATOHAJILHBIX KOMIOHEHT TEH30pa HAIPAKEHUI BO3-
pacraror (puc. 2, Ipasasi CTOPOHA). DTO MOKHO 00b-
SICHUTD CJIeIyomuM ob6pasom. [Ipu BeICOKOSHEpreTH-
YECKOM HAIIBLICHHU OCAKJIACMble YACTHIBI, MONAIAsT
B HOJJIOXKKY W paHee HAIBLICHHBIC CJIOM IIJICHKH, «Pac-
TAJKUBAIOT» COCEJHUE ATOMBI, UTO NPUBOAUT K PO-
CTy JaBJICHUS Ha CTEHKH O0JIACTH MOJICJUPOBAHUSIL.

BeposiTHO, 3TO JaBJIEHWE BO3PACTAET C YBEJIMIEHHU-
€M MAacChl ¥ padMepa BbICOKOIHEPIeTUIEeCKUX YaCTHII,
9TO U MPOUCXOJUT C pocToM AoJin MojieKya O=Si=0
B IIOTOKE JACTHII,

IIpu HUBKOIHEPTETUIECKOM HAIBLICHUH B CPEIHEM
HabJII0/1aeTCsA POCT JUATOHAJIBHBIX KOMIIOHEHTOB TEH-
30pa HalIPAXKEHU ¢ yBeJIUYeHUueM 01U MOJIEKYJI B I10-
TOKE OCaXKJIaeMbIX JacTul (puc. 2, jeBag CTOpOHA).

IIpu HEU3KOIHEPreTUIECKOM HANBIIEHUN B CTPYKTY-
pe IJIEHKH [OSIBJISIOTCS HAaHOpa3MepHble ophl (puc. 3,
JIeBasl CTOPOHA), KOTOPbIE OTCYTCTBYIOT IIPU BBICOKO-
SHEPreTHYeCKOM HalblleHuu (puc. 3, upasasg CTOPO-
ua). O6pasoBaHue 0P, B TOM YHUCJIe KPYIIHBIX, — CJLy-
JaifiHBI MIPOIECC U MMOITOMY MOXKET OBITH MPUYUHOI
HEKOTOPBIX (DJIyKTyaluii Ipu pacdere KOMIIOHEHT TeH-
30pa HAIIPAZKCHUI.

ITomMumo JimaroHaIbHBIX KOMIIOHEHT TEH30pa Hallpsi-
JKEHN, PACCINTHIBAIUCH TAaKXKe W HeInaroHasbHbIE,
Oy U Oyy. 1IOCKOJIbKY TEH30D HalpsrKeHUs CHMMeT-
pUYEH, JIOJPKHO BBIIOJIHATLCA PABEHCTBO Oy = Oy,
YTO HOATBEPXKJIEHO B pacyeTax. AOCOJIOTHbLIE BEJIUYU-
HBI HEUATOHAJILHBIX KOMIIOHEHT He TPEBBINIAIOT JeCsI-
ThIX JoJieit MIla juist Bcex mapaMeTpoB MOJEIUPOBa-
nus. Takum 06pa3oM, KacaTeabHbIe HAIPSIYKEHNS, BO3-
HUKAIONNE MPW HAIBIICHUN TJIEHOK JHOKCHIa KPEM-
HUsA, HE3HAYNTETbHDI.

Brita paccunmrana 3aBUCHMOCTH TVIABHBIX KOMIIO-
HEHT TEH30pa HAIPSKEHU OT TOJIIUHGLI IIeHKu. Pe-
3yJILTATHI TPEJICTABICHBI Ha, PUC. 4.

Bo Bcex ciryuaax 3HAUCHUSA Ogy U Oyy PACTYT IO 20-
COJTFOTHO¥ BeJIMYUHE [IPU YBEeJIMIeHUN TOJIIUHBI [1JI€H-
KU BILIOTH JI0 h ~ 25 HM, & 3aTeM BBIXO/IsIT HA KOHCTAH-
Ty. OTMeYeHHBIE BBIIE TEHIEHINNA B 3ABUCUMOCTH O gy
U Oyy OT SHEPI'UU HAIBLICHHS M JOJIM MOJICKYJ B IO-
TOKE OCaXK/IaeMbIX ATOMOB COXPAHSIIOTCsI IIPU POCTE
TOJIIIUHBI [LJIEHKU.
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E(Si)=0.1 3B, £=30%

E(Si)=10 3B, £=30%

Puc. 3. Pazymuus B CTPYKTYPE€ aTOMUCTUYIECCKUX KJIACTEPOB IIPU BBICOKOIHEPT'ETUYIECCKOM M HU3KOIHEPTETUYICCKOM Hallbl-
nennu. Hukusis gacThb KJlacTepa, OKpalleHHad KeJITbIM, COOTBETCTBYET HOIJIOZKKE
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Puc. 4. 3aBUCUMOCTD IVIABHBIX KOMIIOHEHT TeH30pa Hanpsixkenuii o (MIla) or Tosnmusst mwienku h (am), E(Si) — sHeprus
HanbuisieMblx aToMoB, [ (%) — moust Mosiekyn O=Si=O B mOTOKe OCarKJaeMBbIX ATOMOB

2.2. MoaenupoBaHue TepMHUYECKU
VHIYIMPOBAHHBIX HAIIPS>KEHUH

BO3HUKHOBEHHE M POCT HANPSIKCHUN B PE3y/IbTa-
Te HAIPeBa ILIEHOK JIa3ePHBIM M3JIyYeHHeM BLICOKO
MHTEHCUBHOCTH B HACTOSAIIEE BpeMsl PACCMATPUBACTCS
B Ka4eCTBe OJHOM U3 IPUYNH Pa3PyIIeHHs OITHICCKIX
nokpertuii [17]. B mpencrasnennoit pabore Mbl mpoBe-
JII MOJIeJIMpOBaHUe HArpeBa IJIEHKH U BO3HUKAIOIMIIX
IpU 3TOM HAIIPSI?KCHHH B 3aBHCUMOCTH OT SHEPTUH

HamblleHnss u joiaun Mojekya O=Si=0 B mnoroke
0CaXKIAEMBIX ATOMOB.

Harpes kiacrepa, HAIBLUIEHHOTO [0 TOJIIIAHDI
h = 20 um, momesmpoBasicss B NVT-amcambise. Tewm-
rneparypa paBHoMepHO yBenmduBasjach ¢ 300 K mo
1500 K B teuenmne 500 mc. Takoit pexxum pasorpena
COOTBETCTBYET UMILYJIbCAM JIa3epa HAHOCEKYHION JJIn-
tespbHOCTH. Harpes mojesupyer mepeiady HEPIUu
JIA3EPHOIO U3JIyYeHUs], IOIJIONEHHYIO 3JIeKTPOHHOM
[TOJICUCTEMOM IJIEHKH, sITIEPHON TOJCUCTEME 10 Oe3bI3-
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JIy9aTeIbHBIM KaHaJIaM 3a CYeT 3JIeKTPOH-(POHOHHOIO
B3auMojielicTBusi. KOHEYHAsi TeoMeTpusi sIBJIsLIACh
CTapPTOBOI JJIf MOCJIEIYIONEr0 MOJIETUPOBAHAA B Te-
genne 100 mc npu mocrosuuoi Temreparype 1500 K
B NVT ancambisie. JluaronajbHble KOMIIOHEHTHI
TeH30pa HAIPSKEHUIl yCPeIHSIIUCh 110 IOC/IeIHel
tpaektopun ymreabnocts 100 me. To, uro mocse
OKOHYAHWS [IPUTOKA TEILIa TEMIIEPATYPY HArPeToit 00-
JIACTHU TIJIEHKH MOXKHO CUMTATh IIOCTOSIHHOI, CJiejlyer
U3 OIEHKU XapaKTEepPHOIO BPEMEHU Teliolepeia-
9 W3 ypaBHeHHs TerionpoBogHocTH: T = pL?/,
e ¢ = 10° Jx/(xrK), p=2.2x 10 xr/m>,
X = 2.0 Br/(m'K) — TensioeMKocTb, IIOTHOCTb U KO-
3 PUIUEHT  TEIIOIPOBOSHOCTH  CTEKJI00OPA3HOrO
guokcuma kpemuns, L ~ 0.1 MmkM — Xapakrep-
Has TOJIMUHA I[OIJIOoMaomero ciod. llomygaem
7~ 10HCc > 100mc. Taxkum ob6bpasoMm, NpubINKEHME
HOCTOAHHON TeMuepaTypbl IIpA pacdeTe HallPAKEeHUI
ABJIAETCs 0OOCHOBAHHDBIM.

Tabnumna. IunaronaabHble KOMIIOHEHTBI T€H30pa HAIPsizKe-
HUil 025 U 0yy (MIla) npu Harpese wienkn, E (5B) — suep-
rust aromos kpemuwns, f (%) — mona monekyn O=Si=0
B IIOTOKE OCAaXK/IA€MbIX aTOMOB

E 0.1 10
flo]s | o 50
oee | 43 | 12| —220 | 230
oy | 40 | -9 | 217 | —239

IIpu HU3KOIHEPreTUTIEeCKOM HAIBLIEHNH 00a JIraro-
HAJIbHBIX KOMITOHEHTa TE€H30pa HAIPSYKEHUN M3MEHU-
JIM 3HAK W CTaju CxKuMamnmmu. Takoe n3MeHeHHe
BBI3BAHO CTPEMJICHHEM BEIECTBA IJIEHKU YBEJIUIUTD
¢BOit 06'beM MpU Harpese. BuHO, 9TO TEPMUIECKU UH-
JIYIIUPOBAHHBIE HAIIPSZKEHUS! B ILJIEHKAX, HATIBLICHHBIX
[MOTOKOM YACTHIL ¢ BBICOKUM COJIEPIKAHUEM MOJIEKYJT
0=Si=0, HeCKOJBKO HUXKE 10 aOCOJIOTHO BeJININHE,
4YeM B IJICHKAX, HAIIBLICHHBIX [IOTOK aTOMOB. [1pu BbI-
COKOHEpPreTuIeCKOM HAIIbLJIEHUN 3HAK JUATrOHAJIbHBIX

KOMITOHEHT TEH30Da HAIPSKEHUI OCTAJICS ITPEKHIM,
OJTHAKO aOCOJIIOTHBIE BEJIMUUHBI Oyy ¥ Oy, BBIPOCIH,
mpudeM B caydae f = 0 9TO yBeamdeHHe CyIIeCTBEH-
Ho Gosbine, wem B ciaydae [ = 50%. Ilpm srom pas-
HOCTH B BEJIMUUHAX Ogy U Oyy IpHU Hepexone oT f =0
K [ = 50% He oueHb 3HAUUTE/ILHA.

3AKJIFOYEHNE

B pabore mpoBemeHO MOIEKYISIPHO-TUHAMATIECKOE
MOJIeJINPOBAHUE IIPOIECCA HAIBLIEHUs] TOHKUX ILjIe-
HOK JUOKCHUJA KPEMHUSI U3 JUIJIEKTPUIECKUX MHUIIIEe-
Heil. Bo3MOXKHOCTL BBIXOJA M3 MUIIEHEH ATOMUCTU-
YeCKUX KJIACTEPOB YUUTBIBAJIACH J100aBJIEHUEM B IIO-
TOK OCaXKJAEMbIX YACTHI] TPEXaTOMHBIX MOJIEKYJI
0=Si=0. UcciemoBaauck ciiydan BBICOKOIHEPreTHIe-
CKOI'0 U HU3KOIHEPreTUIeCKOIO HAIIBLICHUS.

[TosrygyeHo, 94TO pU BBICOKOIHEPreTHIECKOM HAITbI-
JIBHUU BO3HUKAKT CKUMAOIINE HalpsizkeHus. AGco-
JIIOTHBIE BEJIUYUHBI JUArOHAJBHBIX KOMIIOHEHT TEH30-
pa HalpPsI2KEHUH PACTYT C YBEJIMIEHUEM JOJIHA MOJIEKYJI
B IIOTOKE OCaXKJaeMbIX aTOMOB. lIpu HHU3KOIHEpreTu-
YeCKOM HAIIbLJIEHUH HAOJIIOIAI0TCS PACTITUBAIOIIIE Ha~
[PsIZKEHNs, PACTYIIME 110 BEJIMIMHE C YBEIUIEHUEM 10~
JIN MOJIEKYJI B IIOTOKE aToMoOB. Heaumarona/jbHble KOM-
[TOHEHTHI TEH30Pa HAIIPSIYKEHUI MaJIbI.

Takke paccunTaHa 3aBUCHUMOCTH HAIPSYKEHU OT
TOJIIUHBI IJIeHKU. [lokaszaHo, 9T0 BO BCeX CJIydasx
abCOJIIOTHBIE BEJIUYUHBI JIMarOHAJIBHBIX KOMIIOHEHTOB
TeH30pa HAIPSXKEHUH MOHOTOHHO PACTYT, [TOKa TOJI-
[UHA IJIEHKU HE JOCTUIaeT NMPUOIU3UTEIbHO 25 HM,
a 3aTeM BBLIXOIAT Ha KOHCTAHTY.

Vccire1oBaHbl TEPMUYIECKH UHLY TAPOBAHHDBIE HAIIPS-
JKEHUsI, BBI3BAHHBIE HAIPEBOM ILIEHKU U3-32 ITOTJIOIIe-
HUsl JIA3€PHOIO U3JIydeHusi. B IIeHKaX, [TOJIy9IeHHBIX
HU3KOIHEPIeTUIECKUM HallbLJIEHUEM, IIPU Harpese 10
1500 K 3a 0.5 HC HAIIPSI?KEHUST CTAHOBATCS CXKIMAFOTITHI-
Mu. A6COJIIOTHBIE BEJIMYUHBI IJIABHBIX KOMIIOHEHTOB
TEH30pa HAIIPSXKEHUI HUKe B IJIEHKAX, HAIIBLIEHHBIX
[IOTOKOM YaCTHUIL ¢ BBICOKUM COJEPKAHUEM MOJIEKYJI.

Pabora Bwimosnena mpu mnopmaepkke Poccuiickoro
Hayunoro ®@onga, rpant 23-11-00047.
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Stresses in silicon dioxide films deposited from dielectric targets: results
of atomistic modeling

F.V. Grigoriev®, V.B. Sulimov, A.V. Tikhonravov

Research Computing Center, Lomonosov Moscow State University. Moscow 119991, Russia
E-mail: “fedor.grigoriev@gmail.com

The previously proposed method of molecular dynamics simulation of the deposition of thin films from metal
targets is adapted to the case of dielectric targets and applied to silicon dioxide films. The possibility of not
only silicon atoms leaving the target, but also clusters with oxygen atoms was taken into account by adding
0O=Si=0 molecules to the flow of deposited atoms. Atomistic film clusters were obtained by high-energy and
low-energy deposition at different percentages of molecules in the flow of deposited atoms. The values of the
stress tensor components are calculated. With high-energy deposition, compressive stresses are observed, with
low-energy deposition, tensile stresses are observed. The absolute values of the diagonal components of the
stress tensor increase with increasing proportion of molecules in the flow of deposited atoms.
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Keywords: high-performance simulation, molecular dynamics, thin film growth, deposition process, silicon
dioxide, porosity.
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