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Abstract. Successful search for optimal molecular structures of membrane materials requires efficient
algorithms for assessing their diffusion properties. It is shown in this work that the potential landscape
of a probe penetrating particle, a component that passes through the membrane during gas separation, is
suitable for solving such problems. A number of indicators are considered that can be easily calculated
from potential landscapes of specific models of silicate materials, both not related to the topology of
the potential landscape (global minimum, voxel energy distribution), and depending on it (percolation

cluster). A good correlation of these indicators with the corresponding diffusion coefficients is shown.
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Hcnouab30BaHne NOTEHIHUAJIBHOIO JaHAIIAdTA
NMPOOHOM YACTHUIIbLI IEHETPAHTA NJIsl ObICTPOH OLIEHKHU

AU(PPY3MOHHBIX CBOMCTB KPpeMHe3eMa

C.B. Kyxreuknii, E. B. ®omenko, E. C. PoroBenko
Huemumym xumuu u XuMuyecko mexHoio2uu

@UI] KHI] CO PAH

Poccuiickaa ®edepayus, Kpacnosapck

AnHoTanus. J[J1s yCemHOTO MOUCKa ONTHUMAaIbHBIX MOJICKYJISIPHBIX CTPYKTYP MEMOpaHHBIX
MaTepHaioB HEOOXOAUMEI 3(()EeKTHBHBIC AJITOPUTMBI OIIEHKH UX MU (Hy3HOHHEBIX CBOWCTB. B pabore
MOKa3aHo, YTO MOTEHLIUAIbHBIN JaHAIAa(T MPOOHON YaCTUIbI IEHETPAHTA — KOMIIOHEHTA, KOTOPBIH
B [IPOLIECCE Ta30pa3ACICHUs IPOXOIHUT Yepe3 MeMOpaHy, sSIBISCTCS MOIXOMSLINM [T PELICHHS TAKOT O
pona 3anau. Paccmorpes psiji okasaTelieil, JJerko BBIYUCIISIEMbIX 110 MOTEHIIMAIbHBIM JIaHAIIAdTaM
KOHKPETHBIX MOJEJIeH CHIIMKATHBIX MaTePUaIOB, KaK HE CBS3aHHBIX C TONOJIOTHEH MOTSHIIHATBHOTO
nanpmadra (riodanbHbIi MUHUMYM, pacrpe/iejieHue BOKCeJIel 10 YHEPruH), TaK U 3aBUCSIIIUX
oT Hee (MepKOJALUOHHBINA KiacTep). [IpencraBiena xopouias KOppesilus 3THX oKa3aTeleH

C COOTBETCTBYOLIMMHE Kod(hduiineHTamu 1uddy3un.

KaroueBble cJIOBa: KpeMHE3eM, FeJIMid, CAHT pacTBOpUMOCTH, AU y3us, mpobHas yacTuia,

HOTCHL[I/IaHBHHﬁ J'IaHI[HIa(l)T, BOKCCEIJI.
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BBenenne

Marepuasbl Ha OCHOBE HEITOPUCTBIX CHIIMKATHBIX CTEKOJ CYMTAIOTCS TIEPCIIEKTUBHBIMU IIPU CO3-
JAHUU BBICOKOCEIIEKTHBHBIX Ta30Pa3ICIUTCIBHBIX MEMOPAH JJIsl U3BIICUCHHS JISTKHUX T'a30B (TCIIHA,
Bo0pO) [1], TaKk KaK XapaKTepU3yIOTCS BBICOKUMH 3HAYCHUSIMHU KO3 DHUITUSHTOB pa3AeacHUsI CMeceit
(nanpumep, npu 400 °C aHe/CH, = 10° [2], aHe/N, = 10° [3]). OqHako mo ypoBHIO IPOHUIIAEMOCTH
CUJIMKATHBIE CTEKJIa YCTYIAIOT XOPOIIO H3yYeHHOMY KJlacCy MeMOpaH Ha OCHOBE MOJIUMEpPOB [4, 5].

B cBsi3u ¢ TeM, 94TO Tponecch pacTBOpeHHs U MU Py3un ra30B B CHIUKATHEIX CTEKJIAaX B 3Ha-
YUTENbHOIN CTENEHU OIPENEeIOTCs reOMEeTpHeil CBOOOAHOr0 IIPOCTPAHCTBA MaTepualia, OJHUM
13 BO3MOXKHBIX ITyTEH YBEIHMYCHIS UX MPOHUIIAEMOCTH IPH COXPAHCHUH BBICOKOW CEIEKTUBHOCTH
JUTSl KOHKPETHBIX Ta30BBbIX CMECeil MOXKET ObITh yIpaBiisieMast MOAU(UKAIKS TOMOJIOTUHU IIPOCTPaH-
CTBEHHOU CETHU CTEKJIO00pa3HOW MaTpULbl. B HacTosIIee BpeMs B CBS3U C OBICTPBIM Pa3BUTHEM
IpOrpaMMHO-aNIapaTHBIX CPEIACTB NEPBUYHBINA MOUCK U HCcienoBaHue TU(PPY3HOHHBIX CBOHCTB
MeMOpaHHBIX MAaTEPHUAJIOB C OMPEACICHHON MOIUPUIIHPOBAHHON CTPYKTY PO MOKHO OCYIIECT-
BJISITh Te€OpeTHYECKH. KOMITbIOTEpHBIE MOJIEKYJISIPHBIE MOJIEIN KBAPLEBOI'O CTEKJIA, IIPUTOIHbIC IS

TaKuX Ielel, mpeacTaBieHbl B padorax [6—8]. [lokazaHO, YTO OCHOBHBIC CTPYKTYPHBIC TapaMeTPhl
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OJIMKHETO MOPSAKA U INIOTHOCTh KaK BXKHEHIINHA CTPYKTYPHBIN IapaMeTp CpeHero nopsaka [6,
7] nns MONyYEHHBIX MOJCIBHBIX 00pa3I0B, a TAK)KE PE3yIbTaThl MOJIEKYJISIPHO-TUHAMHUYECKOT 0
MOJICIUPOBaHUs mporecca auddys3uu renus B HUX [8] XOpOIIO COBNAAAIOT ¢ IKCICPUMEHTAIbHBIMU
3HAYCHUSIMH.

Oruenka 1udy3HOHHBIX CBOUCTB MOJICNICH CTEKOJ B padoTe [§] mpoBoauiIachk MmyTeM HEMOCPe/I-
CTBEHHOT'O MOJICJIMPOBAHNUSI MUTPAIIH aTOMOB I'eJIUs B MaTPUIIE KpeMHe3eMa METOI0M MOJIEKYIISIPHOH
JUHAMHKHU. B cuity cBoell nmpenenbHON AeTaJbHOCTH ATOT METO/I BIOJIHE dPEKTHUBEH ISl pEILICHHU I
1 dy3MOHHBIX 3a/1a4, HO JOCTATOYHO TPYAOEMOK C BBIYHCIUTEIIEHOM TOUKY 3peHus. Vcnonb3oBanne
MOJIEKYISPHOM AMHAMUKH IS Ta30B ¢ OOIBIINMU KHHETHUECKUMH THaMeTpaMu (BOZOPOI, HEOH) UITH
P HU3KUX TEMIIEPATyPax CBS3aHO C CYLIECTBEHHBIM YBEIMUCHHEM BPEMEHH MOJICIIMPOBAHNUS U3-3a
YMEHBIIIEHUS YaCTOTHI CKAYKOB aATOMOB IEHETPaHTa (KOMIIOHEHT, KOTOPBIN B IIpoIiecce ra3opaseie-
HUS IPOXOIUT Yepe3 MeMOpaHy) U3 OAHOM MOJIOCTH CBOOOIHOT'O IIPOCTPAHCTBA MaTPHIIBI MEMOPaHbI
B Apyryto. [lonapinsiomee KOIMIECTBO BEIYUCIUTEIBHBIX PECYPCOB PACXOAYETCS HA OTCIC)KHBAHNE
KoJIeOaHUi aToMa BHYTPH HOJIOCTEH MaTepuaa, 9To He MO3BOJISIET 3a IIPUEMIIEMOE BPeM sl Oy YU Th
CTaTUCTUYECKU MPEJICTABUTEIbHBIC JaHHBIC 110 UX MUTPALIUU MEXK/TY NOJIOCTSIMH, HEOOXOAMMBIE IS
KOPPEKTHOTO BEIYHUCICHUS KOI(DHUIIUESHTOB TUPY3HHL.

Just apdextuBHON oueHkn aup(y3HOHHBIX XapakTepucTHK (pactBopenue u auddysus ra-
30B) MEMOPaHHBIX MaTepHAJIOB HeOOXoamMa pa3paboTka OoJiee MPOCTHIX METOIUK, 0a3UPYIOIIIXCS
HEMOCPEICTBEHHO Ha MOJIEKYJISIPHOI CTPYKTYpe CaMoro Marepuaia u He TpeOyIOIIMX MOJIEKYJISPHO-
JUHAMHYECKOTO MOACTMPOBAHNS MUT DALY ITPOOHBIX aTOMOB IICHETPAHTA B MAaTPHIIE MEMOPAHBI.

PactBopenue u nuddy3us ra3os, He pearupyroIINX ¢ MATPHUIICH, IPEANOIaracT HaJu4due B Heil
oOnactel MPOCTpaHCTBA, B KOTOPBIX aTOMBI ra30B MOTYT pa3meniarbcs. COBOKYIHOCTh 3TUX 00-
JacTeit 00bIYHO HA3bIBAETCSI CBOOOIHBIM IIPOCTPAHCTBOM (anen. «free space») n MUPOKO UCTIONB3Y-
eTCs IIPU aHAJIN3E MTPOLIECCOB PACTBOPEHUS U AUPPy3un. B oTiamume oT MOPUCTHIX T, HAIIPUMEP,
¢ KHyAceHOBCcKoH auddysueit, s KOTOPHIX MOHSTHE CBOOOJHOI'O NMPOCTPAHCTBA UMEET BIIOJHE
OJTHO3HAYHBIH T€OMETPUYECKUI CMBICI, B IPUMEHEHUH K HEMOPHCTHIM MaTepHallaM 3TOT TEPMHH
CTAHOBUTCS HEKOHCTPYKTHBHBIM. [J1aBHasi MpUYMHA 3aKJIIOYAeTCsl B TOM, 4TO razoBas auddy-
3Wsl B HEMOPHCTHIX MaTepHaliax UMEeT aKTHBAIlMOHHBIM XapakTep, T. €. 00JacTH MPOCTPaHCTBA,
JIOCTYITHBIE aTOMaM IEHEeTPaHTa, 3aBUCAT OT MX dHEpPruu. B pesynbraTe reoMeTpus CBOOOIHOrO
MPOCTPAHCTBA MaTEpHaJia OYEHb 3aBUCUT OT THUIOB M YHEPI'Hi aTOMOB MUT'PHUPYIOIIETO ras3a: s
HU3KOIHEPTeTHUUHBIX YaCTHI] F€OMETPHsI CBOOOHOIO MPOCTPAHCTBA MOXKET OBITh OJHA, JUISI BBICO-
KOPHEPTEeTHYHBIX — JIpyTras, a NOCKOJIbKY BCE MUT'PHPYIOIIHNE YaCTHIIBI OBICTPO TEpMaIH3yIOTCs,
TO JJa)Ke /IS OJHOW M TOM K€ 4aCTHUIIBI FT€OMETPHSI CBOOOIHOI0 IIPOCTPAHCTBA CTAHOBUTCS JIOBOJIb-
HO HEONPENEIEHHON BETHNYHHOM.

B aroii cBsi3u Ooliee OnpeAeIeHHBIM SIBIISETCS MOHITHE «dHepreTndeckuit nanamadr» (ane.
«energy landscape»), KOTOpOe IHUPOKO M YCIICIIHO UCIIOJIB3YEeTCS BO MHOTHX O0JIacTsIX (pru3nyecKkont
xumud [9, 10]. B npuMeHeHnn K 3aia4ye akTUBUPOBaHHON 1] dy3un ra30B B CHIMKATHBIX CTEKJIAX
IIpU TeMIepaTypax, AAJCKUX OT TEeMIIepaTypbl pPa3MsTYeHHs, MATPUILy MOKHO CHHTATH «3aMOpO-
YKEHHOW». DHepreTHYecKuii JanamadT CTaHOBUTCS HU3KOPa3MEPHBIM, MTPEICTaBIIsisE CO00M cKasip-
HOE TI0JIe TIOTeHIIMAJIBHOW SHEPIrUH IOJCUCTEMBl aTOMOB IIEHETpaHTa B MaTpuie MemOpansl. Eciun
BHEIIIHEE JIaBJICHUE r'a3a HE CIIMIIKOM BEIHUKO (IOpsiiKa aTMOC(EPHOro), TO SHEPreTHUSCKU JTaH -

IHa(l)T CIIIC CUJIBHCC yHIPOIIACTCAd — OH CTAHOBUTCSA TPECXMCPHBIM. Takum 06pa30M, SHCpFeTI/I‘IeCKI/Iﬁ
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naHamadT CONEePKUT MOJHYI0 HHGOPMAIIHIO O TUPPY3HOHHBIX CBOMCTBaX MaTepuaia. OqHaKO s
MPAKTUYECKOr0 CPaBHEHHS MEMOPaHHBIX MaTepHaJoB HE0OXoauMa Oosiee KOMIIAKTHAsI CHCTEMa MO~
Kaszaresel, OCHOBAHHBIX Ha JIaH/adTax.

B nanHOil pabore mpencraBieHa METOIMKA, pa3padOTaHHAs Ha OCHOBAHHUHU TOIOJOTMYECKOTO
aHaJIM3a YHEPreTUUECKOoro Janamadra cucreMbl «IupGyHIUPYIOMNNA aTOM — MEMOpaHHbII MaTe-
pHa» ¢ MOCISAYIOIUM pacyeToM NapaMeTpOoB, BKIFOYAIOIINX JIOKAIbHBIC (II00aIbHBII MHHUMYM,
(GYHKIMST pacrpeiesieHls] BOKCeNel Mo dHEpruy) U KOMIUIEKCHBIE MoKa3aTesn (IepPKOJISIIIHOHHbIC

KJIaCTEPBI).

MaTepnam)l U METOAUKaA UCCJICJOBAHU A

3amava oneHku Mup(Y3HOHHBIX CBOWCTB MaTepuaja CBOAUTCSA K aHAJIHM3Yy MOBEIACHHS OIHOM
€IMHCTBEHHOW YaCTHIIBI I'a3a B pacueTHOH siueiike. KoadpuuneHt pacTBOPUMOCTH, HAIpUMED, IS
renusl B KBapLUEBOM CTEKJIE COCTABISET BeMMYMHY mnopsaka 1072, B 3Tom ciydae KOHLIEHTpamus
PacTBOPEHHOro rasa Haxonutcs Ha ypoHe 1077 cm?. Pasmep pacuerHoii sueiiku 06bran0 ~ 100 A,
CpeaHee KOJIMYeCTBO MUTPUPYIOLIMX YACTHIL B 00beMe siueliku olleHuBaeTcs BennuunHoii 0.1, a Bepo-
SITHOCTH HaX0/ICHHS OTHOBPEMEHHO JIBYX aTOMOB I'€JIMsl B pacUeTHOM siuelike He mpesbimaer 1 %.

Takum 00pa3oM, FJHEPreTHUECKUH JTanmadT CUCTEMbI IPEACTABISIET COO0I TpeXMEpHOE IoJIe
MTOTEHINAJIEHON SHEPT NN aTOMa/MOJIEKYJIbl IEHETPAHTA B PACUETHOH sTUeiiKe, 3aII0JTHEHHON aTOMaMu
Marpuiibl. HayanbHOE COCTOSIHME CUCTEMBI — aTOM IIEHETPAaHTa HAXOJUTCS Ha OJIHOW IPAHU CUCTEMBI,
KOHEYHOE — aTOM HAXOJUTCS Ha MPOTHBOINOJIOKHON I'paHU. B 3TOM ciiydae KOOpAMHATHI peaKuu
U IyTh CUCTEMBI B IIpoliecce «TpaHchopMmaliu» MpeacTaBisiioT co00l pealibHyI0 TPAeKTOPUIO MU-
IPUPYIOLIEH YaCTHIIBI B TPEXMEPHOM IPOCTPAHCTBE.

JIJst IpakTHYeCcKOro cpaBHEHUsI MEMOpaHHBIX MaTepHalioB TPeOyeTCsi HEKOTOpasi KOMIAaKTHAs
cHcTeMa IoKa3aTeliel, OCHOBAaHHBIX Ha YHEPreTHYeCKuX JaHamadrax. Huxe paccMoTpeHbl Takue
MOKa3aTelH, IO3BOJISIIONIME KOJIMYECTBEHHO CpaBHHMBATh JU(Qy3uOHHBIE CBOMCTBA MOJEKYJISIP-
HBIX Mozeield MarepuaisioB. J{is oneHKH 3QQPEKTUBHOCTH 3TUX ITOKa3aTeseil OB MCIIOIb30BaHbI
HECKOJIbKO HaO0OpOB MOJIeNel CHIITMKATHBIX MaTepHUalioB, Pa3iHyaloInXCsl CTPYKTYPOM CPEIHEro mo-
pAIKa U, COOTBETCTBEHHO, KOO PHUITMCHTAMH TUPPY3HH:

1. OGpasibl Mosieiel KBapIIEBOTO CTEKJIA, MOJIYUEHHBIE TPU OJHUX U TEX K€ YCIOBUSIX, HO pa3-
JTMYaloIecs: KOHQUTypaluei aToMoB repes HayasioM 3akayku (0opasisr s01 1 —s01_6). O6pasubt
UMEIOT OJMHAKOBYIO IIOTHOCTH (2.2 r/cm®) u Onuskue xod>pduuuentsl quddysun ((1.21£0.3)-10-
¢ em?/c, mpu remneparype 500 K [8]). DToT HaGop 06pa31oB ObLI HYKEH JJIsl OLEHKH YYBCTBHTEIBHO-
CTH OKa3aTeliell K CIIy4aiHbIM BapHalusIM aTOMHBIX KOHUTrypanuii npu 6sin3kux auddy3noHHbIX
(MaKpOCKOITMYECKUX) CBOHCTBAX 00pasIoB.

2. Habop o0pa3uoB Mojiesnell KBaplueBoro CTekjia ¢ MOHOTOHHO M3MEHSIOIIEHCs TIIIOTHOCTBIO
B nuanaszone 1.9-2.3 r/em?. 3aBucumMocTts kK03 PunneHToB 1udHy3un 3TUX CTEKOI OT IIIOTHOCTH IS

temmeparypsl 500 K onuceiBaeTcs crieayoneil perpecCHoHHON 3aBUCHMOCTBIO:

D = 722.76-exp(~8.939-p),

rae D — koaddunuent auddysuu, cM?/c; p — IIIOTHOCTD CTEKaA, T/cM?.
Oror Habop 00pa3LOB ObUI HY)XEH IS OLEHKH KOPPEISLHM I[OKa3aTelel, pacCUUTaHHBIX

110 PHEPreTHYeCKOMY JTaHamadTy, ¢ KoddhduuueHtamu nuddysun.
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3. JlBa kpuCTa/NIM4ecKUX o0paslia ¢ AMAMETPaIbHO MPOTUBOIOIOKHBIMU UG PY3MOHHBIMU
cBoiicTBamu. [1epBbIii — KyOUYecKuit KPUCTOOATHUT, BTOPOI — YHCTO KPEMHUEBBIN comanuT (pure silica
sodalite). KpucTobaauT ©MeeT HU3KYIO IJIOTHOCTD, OJIM3KYIO K IJIOTHOCTH KBapIeBOro crekia. Bee
IOJIOCTH CBOOOTHOT'O MMPOCTPAHCTBA KPUCTOOAINTA COSAMHEHBI IPYT C APYTOM O-UJICHHBIMH KOJIbIIa-
mH (Si-O). [Ipyrux npoxozoB B Kpuctodanure HeT. B Marepuanax Ha OCHOBE KpeMHe3emMa O-4JIeHHbIE
KOJIbIIa KaK pa3 00eCneynBaIOT JOCTATOYHO BBICOKYIO IPOHUIIAEMOCTh ITPH BBICOKOH CEIEKTUBHOCTH
10 OTHOIICHUIO K 00Jiee KPYIHBIM MOJIEKYJIaM (a30T, METaH, IBYOKHCh yrieposa u T. 11.). Ho B To xe
BpeMsi, HaripuMep, pu remneparype 500 K kpucrodanut o6nagaer mpuMepHO Ha J1Ba MOPsiiKa MEHb-
M Kodpdunuentom mudpdysun, yem kBapuesoe crekno (1.4:1078 cm?/c — sxcTpanonsus TaHHbBIX
[11] ans xpucrobanura Ha Temneparypy 500 K u 1.16:107° cm?/c — a1 muiaBiaeHHOro KBapLEBOro
crekia [12]). Bropoil kpuctannuueckuii oOpaser; — MOIeIb YUCTO KPEMHHUEBOTO COAAIUTa. JKCIIe-
PUMEHTAIBHBIX JaHHBIX 10 TU(Qy3Un Tenus B 3TOM MaTepraie B ureparype HeT. [loatomy ko3g-
¢unpent auddysun renus B 3ToM 00pasiie Obl1 paccunTan s Temneparypsl 500 K nmo meroquke,
onucanHoii B pabore [8]. Ero 3nauenue 2.719-107 cm?/c, uTo Gosiee 4eM Ha IOPSIOK MIPEBBIILAET KO-
s¢dunueHT qudpdy3un KBapieBoro CTeKia.

Jlnst kaxxnoro oOpasma OblT mocTpoeH sHepreTndeckuii tanamadt. [lenerpant — renuid, B Ka-
YECTBE NOTEHIMAJIa B3aUMOJEHCTBUS Iellsl ¢ KUCIOPOAHON IOACUCTEMON B3AT NOoTeHIuan bopHa-
Maiiepa, mapameTpru30BaHHEIN B padore [8]. TexHUYecKkn KakAbIH JaHAmAadT MPEACTaBIICT COO0H
TPEXMEPHYIO MaTPHILy sideek (Bokcesei) 256x256x256, MUCKPETU3UPYIOIIYI0 KYOHMUECKYO pacyeT-
HyI0 si9eliKy oOpasia KpemHe3ema. B KkakJloM BOKcese — 3HaueHHE MOTEHIIMajia B3aWMOACHCTBHS
aToMa TeJus ¢ MaTpulieil B COOTBETCTBYIOIIEH TOYKE MPOCTpaHCTBa. JlIsl aHaIH3a SHEPreTHIECKOTO
nanamadTa UCIOIB30BAaHO OPUTHHAIBHOE IIPOrpaMMHOE oOecrieueHne, pa3paboTaHHOE B Ipoliecce

peuieHus 3a1aun.

AHaJyu3 U 00Ccy:K/IeHHe MOJy4YeHHBIX Pe3yJIbTATOB

3amaua oneHKH JUQQy3NOHHBIX CBOMCTB MaTepHalia CBOIUTCS K MCCIIEOBAHUIO TOIOJIOTHYE-
CKHX CBOIMCTB TPEXMEPHBIX IHEPreTUUECKUX JIAHAIA(PTOB, TOCTPOSHHBIX ISl KaXKIOT'0 KOHKPETHOT'O
aToMa IEHEeTPAHTa, 10 OAHOMY JaHAma(Ty Ha KaXAbIH THIT 1n(GYHIUPYIOMETO aTOMa HIIU MOJIEKY-
nbl. B nanHo# paGoTe aHaIM3 OrpaHUYeH JUIIbL OJHUM THUIIOM aToMa — reaueM. CTepeonapa H30mo-
BEpPXHOCTH dHEpreTudeckoro manamadra 1 yposHs saeprun 0.1 5B mokazana Ha puc. 1, a ms 0.5
5B — Ha puc. 2. Metonuka pacueTa 3HEpreTHUECKOro JanamadTa onucaHa Huxe, 1 BU3yalu3anun
nanamadra ucronabzoBad cBoOoaHbI naker VMD (Visual Molecular Dynamics), pa3paboTaHHblit
B LleHTpe MakpoMoIIeKyJIIpHOTO MOJIEIMPOBaHus U OnonHpopmMaTnku NIIHHOMCKOr0 yHUBEpCUTETA
B YpOane-Illammeiine, CILIA. Crepeonaps! sIBISIIOTCS CKPEICHHBIMHE (1151 TPOCTOTHI BU3yalTU3aluN
HEOOXOMMO JIEBBIM IJIa30M IIOCMOTPETH Ha MPABYIO0 KAPTUHKY U HA000poT). BuHo, Kak KpuTHye-
CKH 3aBHCUT I€OMETPHUS CBOOOIHOIO IPOCTPAHCTBA OT SHEPIUH MUTPUPYIOMHKX yacTuil. Kpome 3To-
ro, CBOOOIHOE MTPOCTPAHCTBO KBAPLEBOIO CTEKJIA MaJIO ITOX0KE HA KIACCHUECKUE JIOKAIU30BaHHBIC
«CaWTHl pacTBOpUMOCTH» (aHen. «solubility sites»), coeqUHEHHBIE «IBEPEMUY» (aHea. «doorwaysy),
4yepe3 KOTOPbIE COBEPIIAIOT MPbIKKH aTOMbI IEHETPAHTA, U CKOPEee IMOX0Ke Ha «T'yOKy», IPeCcTaBIs-
IONIYI0 COOOH CeTh MepeceKaromnxcs KaHaI0B IEPEMEHHOT0 cedeHus (puc. 2).

[TpocTsle r00abHbIE IOKA3aTEIN MOKHO PACCYUTATh 0€3 yueTa TOHNOJIOTMH YHEPreTHIECKOro

nanamadra. Camblil mpocTeHIINK U3 HUX — TI100aJIbHBI MUHUMYM TTOTEHIIMAIBHON SHEPIHH aToMa
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Puc. 1. [lepexpectHas crepeonapa usonosepxuoctu (0.1 3B) sHepreTrueckoro jganmapTa KBaplueBoro cTekia
(obpaser cr_2.200_6)

Fig. 1. Cross stereopair of the isosurface (0.1 eV) of the energy landscape of quartz glass (sample cr_2.200 _6)

Puc. 2. [lepekpectHas crepeonapa usonosepxuoctu (0.5 5B) sHepreTnueckoro ganamadTa KBaplueBoro crekia
(obpaser cr_2.200 6)

Fig. 2. Cross stereopair of the isosurface (0.5 eV) of the energy landscape of quartz glass (sample cr_2.200 _6)

renus B obpasue. Ha puc. 3 npencraBieHa 3aBUCUMOCTD TI100aJIbHBIX MUHIMYMOB SHEPTIeTHYECKHUX
nganamadToB 00pas3LoB OT UX KOAPGHUIHEHTOB TU(PY31H, N3 KOTOPOIL SIBHO BUIHA KOPPEIISLIHS ITUX

BeInunH. PerpeccnonHas 3aBUCUMOCTH CTEIICHHAS:
— ADB
Umin =AD >
rae Up, — [100asibHbli MUHUMYM NIOTEHIIMAJIBHOM SHEpruK aToMa reiusi B oopasie, 5B; D — koaddu-
uuent auddysuu, cm?/c; A =3.861:107, B = 0.819.

Menee yI[O6HI:-IM, HO Oosee HarjasaJHbIM r7100aJIbHBIM HETOIIOJOIHYECKMM I10Ka3aTeJIeM SIBJIs-

ercst pyHKIMS pacupeesieHus siueek (BOKCesel) SHepreTHUecKoro JanamadTa 1mo SHEprum, T. €.
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1E+0
m B 1 -cepusi cTekon cr_x (sapuaLus nioTHOCTH)
“"ﬁ » 2 —cepus 06bl4HbIX KBapLEBbIX cTekan sO01_x
g 1E1 ¢ 3 - kpucToGanut
= ® » 4 —4uCTO KPEMHMEBbIN coranuT
=
qm) 3
1E-2
S
=
2,
E 1E-3
= =4
= 1E4 =
’§ f(x) = 5.005E-9 x"-9.511E-1
= |
é 1E-5
S 1E-8 1E-7 1E-6 1E-5 1E-4
o)
= Kosddumment quddysmi, cm’/c

Puc. 3. 3aBucuMocTb r100aJIBHBIX MUHIMYMOB YHEPT€THUECKUX JIaHTIIa(GTOB 00pa3LoB 0T HX KOAPPHUIIMEHTOB
nudpy3un

Fig. 3. Dependence of the global minima of the energy landscapes of the samples on their diffusion coefficients

3aBUCHMOCTH CYyMMapHOI'0 00beéMa BOKceei, 001ajaroux 3alaiHbIM YPOBHEM 3HEPIHH, OT SHEpP-
ruu. O0beMbl HOpMHUPOBaHBI HA 00IKK 00beM mpocTpancTsa. [IpuMeps! Takux GyHKINN pacripe-
JIeJIEHUs JUIsl HECKOJIbKUX 00pa3loB Mokaszanbl Ha puc. 4. Hymepaius KpuBbIX BBIIOJIHEHA B I10-
psnke Bo3pacTaHus KOd(DGUIHEHTOB AUPPY3UN COOTBETCTBYIOMIMX 00pa3loB OT KpHcToOaInuTa
(1), obnanaromero MUHUMAaJIbHOM MMPOHUIIAEMOCTBIO, /IO MOJHOCTBIO KpeMHHEBOTO comanuta (6),

00JaJaroNero MakKCHMaTbHONW Ta30BOM MPOHUIAEMOCTRI0. BuHO, uTo Ko3ddunueHT nuddys3un

0.01
0.009 ——— 1 — Ky6u4ecKuit KpUcToGanuT; NACTHOCTL — 2.211 r/icm®
A ——— 2 — CTEK/10BU/HbI KpEMHE3EM; NNOTHOCTbL — 2.3 r/cvd
0.008 6 —— 3 — CTeK/10BUAHbI KpEMHESEM; NIOTHOCTb — 2.2 /CMd
s 4 — CTEKNOBUHBIA KpeMHeseM; NNoTHOCTbL — 2.0 r/cm®
5 0.007 ——— 5 — CTEK/10BUAHbI KpeMHe3eM: NNoTHOCTb — 1.9 r/cv®
S 5 6 — YNCTO KPEMHUEBLI CQAANUT; NNOTHOCTL — 1.667 r/cv®
S 0.006
O
~ 0.005
3
4 0.004
©
© 0003
=
o)
= 0.002
o)
= 0.001
O
)
= 0
8 0 0.1 0.2 0.3 0.4 0.5 0.6 0.7 0.8 0.9 i
es)
8 OHeprus, 5B

Puc. 4. HopmupoBaHHbie Ha 00beM (QYyHKIIHMH PacIpeIeICHUs BOKCECH 0 SHEPTrUu
Fig. 4. Volume-normalized voxel energy distribution functions
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MOHOTOHHO BO3pacTaeT C yBEJIMUYEHUEM JIOJIM BOKCEJEH IHEPreTHUecKoro Janamadra ¢ HU3KOM
SHEprueu.

[IpogeMOHCTPUPOBAHHBIE BBINIE HETOMOJOTHYECKUE MOKA3aTENH BIOJIHE XOPOIIO KOPPEIupy-
10T ¢ Ko3ppunreHToM 1updy3un U MOTYT HCHOIB30BATHCS KaK HEKHE MOTYKOJINYECTBEHHbIC HH/IH-
KaTOPBI IIPH MOHCKE HYXHBIX CTPYKTYP CPEIHEro Mopsjaka KOHCTpyHpyemoro marepuaia. OnHako
TI0JIB30BATHCSI MU HEOOXOIMMO C OCTOPOXKHOCTBIO M3-3a OAHOTO IPUHIUIIHAIBHOIO HEI0CTaTKa.
OTH 1oKa3aTeld HUKAK HE YUYUTHIBAIOT TOIOJIOTHIO SHEPreTHUYECKOTo JaHamadTa u, B MPUHIIKIIE,
HECTIOCOOHBI OTpa)KaTh HU3KOPAa3MEpHbIE OOJIACTH, 3aTPYAHSIOMNE WIIH JIa)ke MPOCTO OJIOKUpYIO-
e Auddysuro. JJocTaTOuHO MPEACTABUTHh HCKYCCTBECHHBIN, HO BIIOJTHE HATJISIHBIN MIPUMEDP TOHKON
HETPOHNLIAEMOH IEPETrOPOIKH, pa3eisiomnieii oOpa3el mocepeaHe.

PaccmoTpuM TOmosOrmUecKrue MoKa3aTeNl, YUNTHIBAIOIINE PEabHO BO3ZMOXKHbIE ITyTH MHTpa-
LMW aTOMOB TieHeTpaHTa. Kak BUAHO Ha puc. | U 2, CBA3HOCTH SHEpreTnyeckoro jangmadra (Bo3-
MOYXHOCTb ITyTH U3 OJJHON 3aJJaHHON TOYKH MPOCTPAHCTBA B APYTYIO) 3aBUCHT OT SHEPTUH YACTHIIHI.
[TosTOMY NEpBBIM €CTECTBEHHBIM «TOIIOJIOTMYECKUMY IOKa3aTeiaeM OyJIeT MUHUMaJbHAs SHEPTrHs,
IpY KOTOPOi aTOM, HaXO/ISLIHMICS HA OJJHOM TpaHu 00pa3siia, MOXKET JOCTHYb POTHBOIIOJIONKHOI Tpa-
Hu. B npumenennn k auddysun 3170 OyAeT SHEPrust aKTHBAIHH.

J1ist penieHus Tako 3a/1a41 HE0OXOAMMO PACCMOTPETh CBSI3HBIC MOJMHOKECTBA BOKCEJIeH IHEp-
TeTHYECKOTro JaHmadTa, SHEPrust KOTOPHIX HE MPEBBIIIAET HEKOTOPOT'O TOpOra U UMEIOIIHE KaK MHU-
HHUMYM J1Ba BOKCEJISl, KACAIOLIUECS IIPOTHUBOIIOJIOKHBIX I'paHel pacueTHOU sueiku. IlogmHO)ecTBO,
nMerolee MUHUMAJIBHYIO TIOPOTOBYIO SHEPIHio, U OyJeT MCKOMBIM. Ha si3pIke TeopuH NEepKOISIUN
Takas 3aJjaya M3BECTHA KaK 3aja4ya MOCTPOEHU MEePKOIALUOHHOTO KiacTepa. J[yist mocTpoeHus nep-
KOJIAIMOHHBIX KJIACTEPOB, NMEIONINX MUHUMAJIBHYIO MOPOrOBYIO SHEPTHUI0, ObLI UCIIOIb30BAH IIIH-
POKO U3BECTHBIH BOJIHOBOI aJITOPUTM (Yallle UCTIONb3YETCsl TEPMHUH «METO (PPOHTA TOPEHUS (aHeIl.
«burning methody) [13], a 15 noMcka MUHMMYMa SHEPTrUU — HE MEHEE U3BECTHBIN METOJ TUXOTOMHH
[14]. 1ns HUBeTMPOBaHMSI aHU30TPOIIMU 00PA310B, BEI3BAHHBIX OTHOCUTENILHO MaJIbIM KOJIHYECTBOM
aATOMOB MaTpPHIIBI (7151 60mbIHHCTBA 00pa3oB — 1000 atomoB kpemuus 1 2000 aTOMOB KHCIOPOIa),
KJIACTEPbl CTPOMIIMCH ISl TPEX Map rpaHell (COOTBETCTBEHHO, 10 OCH X, y ¥ Z) U U3 HUX BbIOHpaH
KJIacTep, UMEIOIIUI MUHUMAJIBHYI0 SHEPTHIO EPKOISALUH.

[Ipumep crepeonapbl MUHHMAJIBHOTO IEPKOJIAIIMOHHOTO KJIacTepa, MOCTPOSHHOTO [T 3TOTO XKe
oOpasma, kak u Ha puc. 1 u 2 (cr_2.200 _6), moka3aH Ha puc. 5. Takue MHHUMAaJBHBIC TEPKOJISIIH-
OHHBIC KJIACTEePbI OBLIN MOCTPOCHBI JJIsI BCEX 00OpA3IlOB, MCIIOAb30BAHHBIX B padoTe. 3aBUCHMOCTh
MUHUMAaJIBHON 3HEPrUH MEePKOJALIUH (KaK y’Ke OTMEYajioCh BBIIIE, 3TO M €CTh YHEPrus aKTHBALIUU
nuddysnoHHOro nporecca) ot kodpduuuenta nuddy3un npeacTaBieHa Ha puc. 6.

Kak BugHO Ha puc. 6, 00pa3ibl CTEKOJI M YHUCTO KPEMHHUEBBIN COMAINT yIOBICTBOPSIOT 001IIe-
My TPEHJy appeHHYCOBCKOH 3aBucuMocTH. OOpasiibl KBAPLEBOro CTEKJIa UMEIOT pPa3Hble YHEPTHH
aKTHBAIMH, HO COMIOCTABUMBbIE ITPEIPKCIIOHEHIINAIBHBIE MHOXHUTENH. B TO e Bpems oOpaser Kpu-
crobajuTa pe3Ko BbINAAaeT U3 TPEH/a, XOTS UMEET CONOCTABUMYIO CO CTEKJIaMH YHEPIHI0 aKTH-
BallUU.

YTOYHSIOITY 0 HHPOPMAIUIO MOXKHO MOy YU Th, PACCMOTPEB MPOQUIb NOTEHIIMAIBHOMN SHEPr U
BJIOJIb ITYTH MEPKOJIALMHN aTOMA Ielus OT OJHOW I'paHu SYEHKH K APYTOil HA TPACKTOPUU PEAKIIHH.
Ha puc. 7 ata TpaekTopust AJIst HEPKOJISIITHOHHOTO KiacTepa oopasma cr_2.200 6 BbIe/icHa KPACHBIM.

HMmenno mmo OTOMY IIYTH C MaKCHUMaJIbHOM BEPOATHOCTBIO IPOXOAUT MUTPALIUA ATOMA ICHCTPAHTA.
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Puc. 5. TlepexpectHast crepeonapa MHHAMAJIBHOTO 110 YHEPIUH NEPKOJSILIHOHHOIO KJacTepa, pacCYUTaHHOTO
0 SHEpreTuyYecKkomMy Janamadry obpasia cr_2.200 6

Fig. 5. Cross stereopair of the minimum energy percolation cluster calculated from the energy landscape of the
sample cr 2.200 6

0.5

0.4 \-
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Koadpdumuent nuddysun, cm/c
Puc. 6. 3aBUCHMOCTB YHEPrUM aKTUBALMH, PACCYMTAHHAS 0 YHEPreTHUSCKUM JlaHamadram o6pasnos, oT UX
kodppunnentoB auddysun

Fig. 6. Dependence of the activation energy, calculated from the energy landscapes of the samples, on their
diffusion coefficients

[Mpodunu noreniuana auddyHAUPYONIEro aToMa B 3aBUCUMOCTH OT OTHOCHTEIHHOTO MYyTH
s oopasua cr_2.200 6 (cneBa) u kpuctobanuTa (CrpaBa) okazaHbl Ha puc. 8. MakCUMyMBbI dHEP-
UM Ha 9TUX KPUBBIX COOTBETCTBYIOT CE/UIOBHIM TOYKAM DHEPreTHYECKOro Janauadra, a MUHUMY-
MBI —JIOKQJIBHBIM MUHUMYyMaM. CpeaHue ypoBHU 3HEPruu M300pa’keHbl KpacHBIM. BuaHo, 4TOo mpu
OJIMHAKOBOH MJIOTHOCTH MaTepUAalia M SHEPTUU AKTUBAI[UU ATOMY T'€JIUs B KPUCTOOAIUTE TPUXOTUTCS
[PEOI0JIeBaTh B J1Ba pa3a OOJIbIIC MOTCHIIHATBHBIX 0aphepOB MPHUOIM3UTEIIBHO TAKOW KE BBICOTHI

(coorBeTcTBeHHO 20 11 9). [IoCKOIBKY aTOM TeIHS IPOXOAUT ITH OApbepsl MOCIEA0BATEIBHO, TO BEPO-
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Puc. 7. IlepekpectHas crepeonapa TPaeKTOPUH MEPKOJISIUU («KKOOPIMHATA PEaAKIITN»)

Fig. 7. Cross stereopair percolation trajectory («reaction coordinatey)
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Puc. 8. [Ipohusu moTeHnaabHOM SHEPTUH BIOJb Y TH IEPKOJISIIHH JJ1s1 00pasiia KBapieBoro ctekaacr 2.200 6
(cneBa) u kpucToOanuTa (cripaBna)

Fig. 8. Potential energy profiles along the percolation path for a quartz glass sample cr 2.200 6 (left) and
critosbalite (right)

SITHOCTB ITPOXOXKAEHUS BCcero o0pasia Oy/ieT IMpornopuroHaIbHa TPOU3BEICHUIO BEPOSTHOCTEH Mpo-
XOXKJCHUsI OJUHOUHOr0 Oapbepa. B pesynbrare otHoteHue ko3dduirentos auddysuu (a B 1TaHHOM
Cllydae MPeIdKCIOHEHI[HATBHBIX MHOKHUTENEH) OyIeT IPONOPIHOHAILHO Po'l, r1e po (< 1) — BeposT-
HOCTb IIPOXOKJCHHS OIMHOYHOTO O6aprepa, a 11 =20—9 — pa3HOCTh B KOIMYECTBE 3THX OapbepoB I
kpuctobanmurta u obpasma cr_2.200_ 6. [TosTomy maske mpu CPaBHUTEIHHO OONBIIUX BEPOSTHOCTSIX

9TO OTHOIIECHHE MOXKET OBITh OU€Hb MaJIbIM.

BoiBoabl

JU1st IoMCcKa MOJIEKYJISIPHOH CTPYKTYpbl MEeMOPaHHOTO MaTepuaia, ONTUMAIBHON ISl 32 JaHHOH
ra3oBOil cMecH, HEOOXOIUMBbI ObICTpbIe U 3((EKTUBHBIE AJITOPUTMBI OLIEHKU JU(PQPY3HOHHBIX CBOK-
CTB MOJIeNI MaTeprasa. B pabore moka3aHo, 4TO TpeXMEpPHBIN 3HEpreTHUECKUi TanmadT NpoOHOH
YaCTHUIbI IEHETPAHTA B BHJIE TPEXMEPHOI0 MacCHBa BOKceleH siBisieTcs () (QEeKTUBHOM CTPYKTYpOid

JAAHHBIX IJIs1 PEHICHUA JTOM 3aJ1a4M. PaCCMOTpCH b HOKaBaTeHGﬁ, JICTKO BBIYHUCIIACMBIX I10 ITOTCH-
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UaJIbHBIM J'[aHI[HIa(I)TaM KOHKPETHBIX MAaTC€PHUAJIOB, KaK HE CBA3aHHBIX C TOITOJIOTUEHN IIOTCHIIMAJIBbHO-
ro nmanamadra (raodarbHbIe MUHUMYMBI, PaclipeeIeHUsI BOKCEIICH 10 SHEPTUH), TaK U 3aBUCSIIIHX
OT Hee (MePKOJISIITMOHHBIC KiacTepbl). [TokazaHa xopornas KOppesius dTUX [MoKa3aTeseil ¢ COOTBET-

CTBYIOIIMME KOA(PPUITUCHTAME TUPPY3HHL.
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