Pa3zBurne merona MonTte-Kapiio 1j1s1 MOAeJTUPOBAHUA KPUTHYECKUX SIBJICHUH B
peakunu oxkuciaenusi CO Ha IUIaTHHE M NAJUIAIMUA: OT MOHOKPHCTAJJIOB K

P€aJdbHbIM HAHECCHHBIM CUCTEMaM
Koeanes E. B., Mameeee A. B.

1. O0bsABJ/IEHHBIE LEJIH NPOEKTA.

HaGmomaronuiicss B TOCIEAHUE ACCATUICTHS BCIDIECK pabOT B 00JacTH pa3BUTHS MeToaa MoHTe-
Kapno o0ycnoBieH orpaHi4eHHBIM KOJTMYECTBOM MPOCTHIX, aHATUTUYECKH PACCUUTHIBAEMBIX MOJEIEH,
a Takke OBICTPBIM Pa3BUTUEM BBIYHCIUTENBHON TeXHUKU. OCHOBHBIC JOCTOMHCTBA PAaCYeTOB METOJOM
Monre-Kapio KaTalIUTUYECKMX IIPOLECCOB 3aKJIOYAIOTCA B CIEAYIOLIEM: a) BO3MOYKHOCTb
HE3aBUCHMOTO PACCMOTPEHHS JIOKATBHOTO OKPY)KEHHUSI KaKIOH ancopOMpOBAaHHON MOJIEKYJIBI WIIN
aKTUBHOTO LIEHTPa MOBEPXHOCTH; 0) IOCTATOYHO MPOCTas AIrOPUTMHUUECKas peain3alus MpakTHUIEeCKH
TOOBIX TIPENICTAaBICHUM O MPOTEKAIONIMX MpoIleccax B paMKaxX OOOOIIEHHON MOJAENTH PElIeTOYHOTrO
ra3a; B) KOMIOBIOTEPHAS] BU3YAIH3AIHS MOJEIUPYEMON TOBEPXHOCTH U aACOPOIIMOHHOTO CIosl. YUeT Ha
aTOMHO-MOJIEKYJIIDHOM ~ YPOBHE  BO3MOJKHBIX  NPOCTPAHCTBEHHO-BPEMEHHBIX  H3MEHEHUM  Ha
MOBEPXHOCTU TO3BOJIAET TIyO’Ke€ MOHATH MEXaHU3Mbl TMPOTEKAHHSI TeTEePOre€HHO-KATAIUTUYECKUX
peakiuii M CYHIECTBEHHO OOJer4aer HHTepHpeTanuio (U3NKO-XUMHUYECKUX OJKCIepuMeHToB. K
HEJOCTaTKaM CTOXaCTHYECKUX METOOB, KaK MPABUIIO, OTHOCST TUTAHTCKUI 00hEM BBIUMCIICHH.

1. Monoxpucmannsi. IlepBbie pabotsl [1, 2] mo npumenenuto meroaa Monrte-Kapiio Ob11H HarpaBieHbI
Ha MOJIETTUPOBAaHUE KPUTHUUECKUX SIBICHUN (aBTOKOJIEOaHHM, XUMUYECKUX BOJIH) B PEAKIIUU OKUCICHUS
CO Ha MOBEPXHOCTH MOHOKPHCTAJJIOB, MOCKOJIBKY KIIACCUYECKHE METOJAbl XUMUYECKOW KHHETUKH,
YCHEIIHO MPUMEHSIONINECS TPU M3yYEeHUU aBTOKOJICOAHWI CKOPOCTH PEaKIvH, MPUHIMITHATBLHO HE
MOTYT Y4YHTBIBaTh OKCIEPUMEHTAIBHO HAOIIOJAEMYyI0 MPOCTPAHCTBEHHYIO  HEOJIHOPOIHOCTH
pacrmpe/iefieHdss pearecHTOB Ha TOBEPXHOCTH Karanu3atopa. B Hamux pabotax [3] ObumM ycCIemrHo
MOJly4eHbl M OOBSICHEHbl MPUYMHBI BO3HUKHOBEHHS pA3JIMYHOTO THUIA XUMHUYECKHX BOJH Ha
MOBEPXHOCTH TaNIaAWs W TIATHHBI (MMEIOMIMX pPa3HBId MeXaHW3M aBTokojebanuii). OmHako, Kak
MpaBUIIO, pa3Mep u3ydaemblx 00bekToB He mpeBbiman 500x500 aromoB mist maatunsl u 4000x4000
aTOMOB JJIs NAJUIaAMsl, I03TOMY IE€PBOM 3ajaueil NaHHOTO NPOEKTa SIBISUIOCH yeenuyeHue pamepa
uccnedyemvlx Cucmem, 4To TMO3BOJISET BbIICHUTH NPUYMHBI CAaMOOPraHMU3aIMM XUMUYECKON peakiuu
Ha MakpoypoBHe. Tak Kak pacueTbl MOJOOHBIX OOBEKTOB MOTPEOYIOT 3HAUYUTEIHHOI'O KOJUYECTBA
MallMHHOTO  BpPEMEHH, TO  MpeArojarajioch  HCIOIb30BaHHWE  BO3MOXKHOCTeH  MHcTuTyTa
BBIYHCIUTEIFHON MaTeMaTHKH U MAaTEeMAaTUIECKO reopr3uKu

2. Hanecennvie uacmuywi. Kak npaBuiio, peajibHble KaTajJu3aToOpPbl COCTOSAT U3 YaCTHUL] HAHOMETPOBOTO
pasmepa (1-100 HM), JTOKaTM30BaHHBIX Ha HocuTene. KuHeTHKa (U3MKO-XMMHYECKUX IPOIIECCOB,
MPOTEKAIOIIMX HA HAHOYACTHIIAX, MOKET CYIIECTBEHHO OTIMYATHCS OT KUHETUKU MPOTEKAHUS PEAKIIHH
HA MOHOKpHUCTAUIaX. B JaHHOM ciy4yae TOBEPXHOCTH OOKOBBIX TpaHEd dYacTUIBI MOTYT JaBaTh

3HAYNTEIILHBIN BKJIaJl B USMCHCHUC KMHCTUYCCKUX XAPAKTCPUCTHUK. I/ICCJIGI[OBaHI/ISI Ha yacTunax Takoro
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pa3Mepa TO3BOJIAT TMOHATH CIEHU(PHUUECKHE OCOOCHHOCTH KHHETHKH MPOTEKaHHWS pPa3MEpHO-
YYBCTBUTEJBHBIX PEAKIIUH HA OCHOBE KMHETUYECKUX JAHHBIX, MOTYYEHHBIX HA MOHOKPUCTAIUIMYECKUX
noBepxHoCcTsAX. [loaTOMy BTOpOH, M OCHOBHOM LENBI0 JAHHOTO IPOEKTAa SBJISUIOCH HOCHMPOCHUE
Moo0enu, CcnOCOOHOU paccuumvléamsv KuHemuKky npomexkanus peakuyuu okucienus CO Ha
NO6epXHOCMU HAHECEeHHbIX Yacmuy NAJUIAAWs W IUIATUHBI ¢ YYETOM DA3JIMYHBIX CBOWCTB IpaHEd
YaCTHLL.

B kadecTBe BO3MOXHOIO JajbHEHIIErO HANpaBIECHUS Pa3BUTUS pabOThl BBIACNAIOCH H3YUYCHHE
BO3MOXHBIX H3MEHEHHH (OpMBI, pazMepa W MOPQOJIOrMH MOBEPXHOCTH HAHOYACTHIl BCIIEJCTBHE
BO3/ICHCTBUS PEaKLIMOHHON cpeabl (1aBI€HUI peareHTOB U TEMIEPATYPhl), IPUBOIALIETO K H3MEHEHHUIO
AKTUBHOCTH U CEJIEKTUBHOCTH peakuuu. K MOMeHTy Hayana BBHINOJHEHUS NpoeKTa Oblia MpOBEIEeHA
cepys MMHUTALMOHHBIX SKCIEPUMEHTOB [4, 5], KOTOpble IOKa3ald 4YyBCTBUTEIBHOCTb MOJEIU K
BHEIIHUM TapaMeTpaM CHUCTeMBbl — HAOII0Janoch M3MEHEHHE MOP(OJIOTUM MOBEPXHOCTU M (OPMBI
YacTUI] TP HArpeBe W ajcoOpOIMH BEMIECTB, JOCTATOYHO CHJIBHO B3aMMOJCHCTBYIOUIMX C aTOMaMH

IMOBEPXHOCTHU YaCTUIBI.

2. MeToabl H NOAXObI
[Tpu BBIMONHEHNH TTpOEKTa ObLTO 0OHAPYKEHO, YTO YBEIHMUYCHHE MCCIEAYEMBIX OOBEKTOB C Pa3MepoOM
pemretkn > 10%°x10* aToMOB HEBO3MOKHO B CBSI3M C OTPAHMYCHHSMH CTAPOrO KOMITHIIATOPA S3BIKA
ZORTECH C++, Ha xoTOpOoM HamMcaHa npuMmeHsieMas paHee nporpamma PLATV205. Ilostomy B
paMKax nmpoekTa Ha si3bike C++ ¢ NCIO0JIb30BaHNEM COBPEMEHHOI'0 KOMIMIISATOPA Obljla HAallMCaHa HOBasl
nporpaMMa OSCILLATIONS, numieHHas yKa3aHHOTO HENOCTaTKa M IIO3BOJISIIOIIAs ITPOBOAMTH
pacyeTsl Ha MOJEISAX ¢ OOJIBIIMM Pa3sMEPOM PELIETKH.

B pesynbrare BHIOSHEHUS TPOEKTa HAJTaKEHO TECHOE COTPYIHUYECTBO €O crenuanuctamu Mucturyra
BBIUUCIIUTEIbHOW MaTeMAaTUKU W MaTeMaTHYeCKOM reous3MKM C Leibi0 MPOBEIEHHUS pPacdyeToB Ha
oOopynoBanuun MHctuTyTa [CM. crucok myOsukanuii, 6, 7]. OnHako B HAcCTOSIIMNA MOMEHT pacyer
Hamlel 3agaun Ha Bl ¢ nucnonbp3oBaHueM «pacnapajjieIMBaHus» MPOLEcca OCYLIECTBUTh HE YIAIOCh B
CBSI3M CO CIIOKHOCTBIO «pacnapayieIMBaHMs» HCIOJIB3yeMOro Hamu anroputma auddysuu. IT0
npobiema, M3BECTHAa KaK «Ipo0iieMa aCHMHXPOHHOIO KJIETOYHOro apTromaray. CylecTBYIOMMH Ha
TEKyIIMIi MOMEHT alrOpPUTM paclapajuleMBaHus MNpolecca CIUIIKOM
MEJIEHHBIN 1 HE UMEET IPAKTUYECKOI0 CMBICTIA.

Jiss  nOCTHDKEHMs 3asSBICHHBIX B TPOEKTE Ieield ObLia BBITIOJTHEHA
3HaunTenbHas Moaudukaiusa ucxogHou nporpammbel OSCILLATIONS. B
pesynbrare, HanucanHas nporpamma OSCILLATIONS-201 no3sosser
3aJaBaTh JIBa OT/AEIBHBIX Ha0Opa KOHCTaHT 3JEMEHTapHBIX CTaaui

peakuuu — it oonmactu A u B, puc. 1.

Puc. 1



1) Oo(razy + 2% —> 2045 4) COgye + * = # + COyye;
2) COras + * ¢> COqpc; 5) Oane + *v = [*Opacrs];
3) COaﬂC + Oa;lc - COZ(ra3) + 2*; 6) Coauc + [*OpaCTB] — COZ(ra3)+ 2% + *vs
7) COras * [*Opacts] <> [COanc*Opacrs];
8) [COaHC*OpHCTB] + [*OpaCTB] - [*OpaCTB] + [Coa)lc*opaCTB];
9) COaI[C + [*OpaCTB] ad * + [COaHC*OPaCTB];
10) [Coanc*opacm] - COZ(ras) +*+ *vs
Takum o00Opa3oM, mporpaMma MO3BOJISET NMPOBOAMUTH pacdeThl: (i) ¢ y4eTOM pa3sHOW KaTaTUTHYECKOU
aKTUBHOCTH PA3JIMYHBIX TPaHEW, COCTABISIONIUX ITOBEPXHOCTh HAHECEHHOW YaCTHUIBI, YTO BHOCHUT
BKJIa/l B CyMMapHYI0 aKTHBHOCTb YaCTHILbl CJIOKHBIM HEJIMHEHHBIM 00pa3oM, BcieAcTBUE AU(GPy3un
aJicopOMpPOBaHHBIX BEIIECTB Yepe3 pedpa rpaneit (obnacte B — O0koBasi MOBEPXHOCTh YacTHIIBI); (ii) C
yuetoM BiusHUS AudPy3un aacopOMpOBaHHBIX BELIECTB MO IMOBEPXHOCTH HOCHTENSI K aKTUBHOM
4acTHIle U Hao0opoT — 3 dekT cnmuioBepa (061acTs B — HocHuTens).
Kpome Toro, mporpaMma 1no3BoJisieT BBOAUTH JIaTepalibHbIe B3aUMOACHCTBUS MEXKy aTOMaMHU MeTalll-
MeTaul U ajacopdaT-MeTam, TakuM 00pa3oM, BO3MOXKHO MPOBOAMTH M3Y4YEHHE HU3MEHEHUs (HOpPMBI,
pasmepa ¥ MOpP(OJIOTHH TOBEPXHOCTH HAHOYACTHIl BCJIEJICTBHE BO3JCHCTBUS PEAKLMOHHOM Cpelbl
(TemMmepaTypbl U aacopOIUM PEareHTOB), MPUBOJAIIETO K U3MEHEHHUIO aKTHBHOCTH M CEJIEKTUBHOCTH
PEaAKIMH.
Eme onHoOM HeMaloBa)KHOW OCOOEHHOCTBIO MPOTPaMMBI SBIISETCS BO3MOKHOCTb BBOJMTH JIaT€palibHbIC
B3aUMOJICHCTBUS MEXIy ancopOupoBaHHbBIMH MouiekynamMu CO u ancopOupyIOMIMMUCS MOJEKYJIaMu
Kuciopoaa. TakuM 00pa3oM yUUTHIBAETCS AKCIEPUMEHTAIBHO OOHApykeHHBIN 3¢ dekt 6mokupoBanus
noBepxHocTu Mojekyiaamu CO, corimacHo KoTopomy onHa Mmojekyida CO OIoKupyeT 10 MSITH MeCT

a7IcopOIIMu KUCIOPOa.

3. Pe3yabTaThl pac4eToB.

1. Monoxkpucmannel. Kak ye ObUIO OTMEYEHO BBIIIE, 3HAUYUTEIBHO YBEIUUUTH Pa3Mep HCCIIEITyEeMBbIX
CHCTEM HE YyJAaloCh M0 TNPHHUUMHAIGHBIM MPUYMHAM — MOpPU «paclapayieIMBaHUI» MPOIECCOB
TG Py3Ur MBI CTOJKHYJIUCH C «IPOOJIEMOIl aCHHXPOHHOTO KJIETOYHOTO aBToMaTa». OIHAKO C LENbIo
peleHus 3asiBIICHHONH B MPOEKTE 3a/laud — YCTAHOBJIGHUE NMPHUYMHBI CaMOOPTIaHU3ALUN XUMHUYECKOM
peakuy Ha MaKpOypOBHE — IPOBEIEHBI PacueThl HA MOHOKpHUCTa/LIe naaaus pasmepom 8000x8000
aToMOB. B pe3ynprare OOHapyXeH NPUHIMIHAAIGHO HOBBIH THI TMPOCTPAHCTBEHHO-BPEMEHHBIX
00pa30oBaHMIl Ha MOBEPXHOCTH THIIA «KOJBIO B KOJBIIE», HAONIONABIIMICA paHee B SKCHEPHUMEHTE,
puc.2. IIpHHIUMHANEHBIA BBIBOJ NPOBEACHHBIX PACUYETOB 3aKIIOYACTCS B TOM, YTO YBEIMYCHHE

pazMepa MOJENHPYeMOW pEIIeTKH He TNPUBOAUT K «PACCHUHXPOHHM3AIUU» AaBTOKOJeOaHWH —



ABTOKOJICOATEIIHHBIN PEKUM COXPAHSIETCS, OJAHAKO MPH 3TOM HAaOJIIOMAeTCs] YMEHBIICHUE aMIUTUTYIbI

KOJIeOaHMIA.

Puc. 2. Ctpykrypsl, Mogenupyemsie MetoqoM MK nipu pasmepe mogenupyemoit pemetka 8000x8000 atomos (a, 0)
¥ HAOJIIOIaBIIECS B dKCIiepuMeHTe MeTooM O@OOM (B).

IIpoBenensr pacuersl Ha perieTke 250x250 ¢ ydeToM <OKECTKHX» JIaTepalbHBIX B3aUMOJECHCTBUIMA
Mexay mojekyidamu CO u ancopOUpyIONIMMHCS MOJIEKYJIaMU KHcIopona. B aTom pexume Hammdne
onHo#l Moisiekyisl CO yMeHBIIAEeT BEpOSTHOCTH afcopOuuu kuciopoaa Ha 17 %, ApyruMu clioBamu,
ecnu JBa afCOpPOLIMOHHBIX MecTa [UIsl MOJEKYJbl KHUCIOpoAa OKpykeHbl Mmoiekynamu CO, To
agcopbums kuciopoaa orBepraerca. OOHapyXE€HO, UYTO BBEJCHHUE <(OKECTKHX» JIaTepalbHbIX
B3aMIMOJICHCTBHI MeXIy Moyiekyinamu kuciopona u CO TNpUBOAMT K HMCYC3HOBCHHUIO pEXHMaA
aBTOKOJeOanuii. [lonck pexnMa aBTOKOJEOAHWI MyTeM yBeIW4eHHs mapuuaibHoro nasieHus CO u
YMEHBIIICHUS MapIUAIbHOTO JAaBICHHS KUCIOpOIa HA K yeMy He mpuBeln, puc. 3. HabmogaeTcs ssBHbII
rucrepe3nc B obpazoBanuu CO,, ogHako aBTOKOieOaHWH He oOHapyskeHO. Ilomy4yeHHBIH pe3ynbTar
SIBIISICTCSL YPE3BBIUAHO MHTEPECHBIM M OPUTHHAIBHBIM. [laJibHEIIIee N3yYCHNE BIUSHUS JIaTePaTbHBIX

B3aUMOJICCTBUI Ha KUHETUKY MPOTEKAHUS PEAKIUN IUIAaHUPYETCS MPOBOJIUTH KaK MeToaoM MoHTe-

CO, intensity (arb. un.)
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Puc.3. Yuer narepaibHbIX B3auMoneiicTBuil B Buae BiausHUS MojieKya CO Ha agcopOuLuMIo KUCIOpPOAa NPUBOIUT K
HCUE3HOBEHHUIO B CHUCTEME pexXuMma aBTokosiebanuil. Ha puc. a) u 0) mpexacTaBieHbl pe3yibTaT IMOMCKA PEKUMa
ABTOKOJICOAHUH MTyTeM M3MEHEHNUS MaplHaNbHBIX JaBieHui kuciopoaa u CO, COOTBETCTBEHHO.
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Kapno, Tak u ¢ mpumeHeHueM mapameTpudeckoro ananuza pemeHuit OJlY c menbio ompeneneHus
oOnacTeil CyIIECTBOBAaHMSA AaBTOKOJEOAHMH CKOPOCTH peakuuu. JloCTHUrHyTa NpUHIUIHAIbHAS
JIOTOBOPEHHOCTh CO CHEIHATUCTOM B 00JACTU MCCIEAOBAaHUS HEIMHEHHBIX KUHETHUECKUX MOJENeCH C
UCTIONIb30BAaHUEM  KOMILUIEKCa METOJOB  KA4eCTBEHHOW TEOpUU  JIMHAMUYECKUX CHUCTEM H
BBIYMCIUTENbHON MaTeMaTukH (Jlamuna E.A.) [7].

K coxanenuo, AOCTUTHYTh OJHY M3 IIOCTABIEHHBIX B MPOEKTe Iiesied He ynanock. PacueTsl Ha
MOBEPXHOCTH TIATUHBI MBI IIPOBECTH HE CMOTIIU, MMOCKOJIbKY IporpamMma, HarmucaHHasi OOJbIle AeCSITH
JeT Ha3aJ HyXJIajdach B 3HAUYUTEIBHBIX H3MEHEHHSIX, OTYACTH H3-3a2 YCTAPEBIIETO0 KOMITHIISTOpA
ZORTECH C++, ortyacTu u3-3a TOro, 4YTO Ha TMOBEPXHOCTH IUIATMHBI MEXAHM3M AaBTOKOJICOAHUIA
MIPUHITUTIAATILHO WHOW M 3aKJII0YaeTcs B oOpatumMoM ¢a3oBoM mepexojie moBepxHoctu rpanu Pt(100):
hex <> 1x1 B xoxe peakuu. [Ipy 3TOM HanMcaHue MPOrPaMMBbI, IO3BOJISIONICH TPOBOIUThH PacUYeThl Ha
HAHOYACTHIAX IUIATUHBI, HATAJKUBACTCSl Ha MPHUHLIMINAIbHBIE TPYAHOCTH, HAlpUMeEp, TaKue Kak
KOPPEKTHBIM ydeT KONWYeCcTBa aJCOPOLMOHHBIX MECT MPH H3MEHEHHU TEeOMETPUU TOBEPXHOCTH

(rexcaroHanbHas — KyOuueckas). Ha maHHbII MOMEHT paboTa B JaHHOM HaIlpaBJICHUU BEAETCS.

2. Hanecennvie uacmuyul.
[TomyuyeHHbIE MTPU BBIMOJIHEHUH MPOEKTa PEe3yJIbTaThl YUCIECHHBIX SKCIEPUMEHTOB OOHAPYKHUIU SIBHOE
BIIMSTHUE HOCUTEIN HAa KMHETUKY NPOTEKaHUs peakuuu Ha yactuue. Ha puc. 4 nokazaHa 3aBUCHMOCTb
pekuMa aBTOKOJIeOaHuil OT pazMepa HaHEeCEHHON yacTHIbl. BuiHo, uTo npu pazmepe yacTuibl < 80x80
aBTOKOJICOATENbHBIM PEXUM IMpoNajgaeT (XOTS Ha IMOBEPXHOCTH MOHOKPHCTAIA HEPETYJIIpHbIE
aBTOKOJIeOaHusT OOHapy>KeHbI U Mpu pa3mepe yacTuilbl 20x20 aTomoB). beimu MpoBeACHBI pacyeThl,
KOTOpBIE  MOKa3aJd,  4YTO
BO3HHUKHOBEHHUE

aBTOKOJIeOaHUI Ha qaCTuax

MaJIEHbKOTO pazmepa

IIPOUCXOUT pu: (1)

YBCIIUUCHUHA KOHCTaHTbI

ckopoctH necoporuu COyqs €

R intensity (arb. un.)

Hocurens (0,7 o cpaBHEHUIO

¢ 0,2 mnpu HOpMaJbHBIX

ycioBusx), puc. 5; (i)

02 N=1000
YMCHBIIICHUN CKOpPOCTH 0.1 __m\

0wl orm—r—r——v——rr—+ 1 1
maboysnn monekyn CO 1o 0 200 400 600 800 1000 1200 1400 1600 1800 2000
Hocuremto (ot M=100 go MCS
M=20), puc. 6. Puc. 4. lI3meHeHne KHHETUKH aBTOKOJIEO0aHMI TPH YMEHBILIEHHH pa3Mepa

HaHo4acTullel. MaTeHCHBHOCTD quddy3un M=100, k4.s(CO)=0.2.
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YJaCTHILy BO3MOYKHA Kak aacopOrus Puc. 5. Kunernka aBTokosie0aHul Py YMEHBIIICHUU pa3Mepa

HaHouacTullbl. UaTeHcuBHOCTD muddy3un M=100, kys(CO)=0.7.
CO, Tak ¥ KHCJIOpOJIa, TOTJa KaK Ha

HocuTenb — Tosibko CO). B mepBom
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AKTUBHOMY KOMIOHCHTY B Puc. 6. Kunernka aBTokojie6anumii IpH YMEHBIIEHHH pa3Mepa

KMHETHKy peakmmd. B ciydae HaHovacTHbl. HTeHCHBHOCTE MU dy3un M=20, ky(CO)=0.2.

YBEIWYCHUSI KOHCTAHTBI CKOpOCTH necopOuuu CO,gs C HOCHUTEIS MBI, TEM CaMbIM, YMCHBIIHINA

IMOKPBITUC HOCUTECIIA COads (pI/IC 7) 1 CHU3HIIM IIOTOK az[cop6aTa C HOCHUTCJI K aKTUBHOMY KOMIIOHCHTY.

Puc. 7. PacnpenencHue ancop0aToB MO MOBEPXHOCTH HOCHTENS M HAHOYACTHIBI. YMEHBIICHUE BEITHYHHBI
Kaze(CO) ot 0,2 (a) mo 0,7 (6) mpuBOAWT K YMEHBIICHUIO CTENEHb MOKPHITHSA HocuTensd mo CO u, TeM caMbIM, K
YMCHBIICHUIO BIIMSAHUSA HOCUTCIIA HA KHHCTHUKY IIPOTCKaHU pCaKIIMH Ha aKTUBHOM KOMITOHCHTC.
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Puc. 8. Bo3ankHoBeHHE Ha IMOBEPXHOCTHU PA3JIMIHOI'O TUIIA NPOCTPAHCTBEHHO-BPEMEHHBIX HECOAHOPOAHBIX
CTPYKTYp npu pasmepe yactuibl nautagus 1000x1000 aromos.

YMeHblIeHHe KOHCTaHThl ckopocTd aupdyzun CO 1o HOCUTENo, OYEBHIHO, MPSIMBIM 00pa3zoMm
NPUBOJIUT TAKXKE K YMEHBIIECHHIO MOTOKA MOJIEKYT COqgs C HOCUTEINS K YacTHIIE.
C yBenmumyeHWeM pa3Mmepa HaHeceHHOW dJactumbl (Oonbmre dwem  200x200) KUHETHYECKHE
XapaKTEepUCTUKH PEAaKIHUU CTAHOBATCA Bce Oosiee CXOKMMHU C XapaKTEpUCTUKAMU PpeaKIUH
OpoTeKarolell Ha IagKkod OeCKOHEYHOM IMOBEpXHOCTH KaTaliu3aTropa, YTO €lle pa3 J0Kas3bIBaeT
HAJINYME CYIIECTBEHHBIX OTJIMYMNA B KaTAIMTHUECKUX CBOMCTBAX HAHECEHHBIX HAHOYACTHII U CBOMCTBAX
MOJOOHBIX CHUCTEM OOJIBILEro pa3Mepa — MOHOKPUCTAJUIOB. B pe3ynbraTe pacueToB 0OHApyKEHO, YTO
IPY OIpPENEeICHHBIX 3HAUCHHMSIX MapaMeTpOB Ha TOBEPXHOCTH YACTHIBI HAOIIOJAETCS TOSBICHHE
IIPOCTPAHCTBEHHO-BPEMEHHBIX HEOJHOPOJHBIX CTPYKTYp, XapaKTEepHbIX Ui MOHOKPHUCTAJIIOB:
OCTPOBKH a/1cOpOaTOB, CIIUPAJIH, KOJIbLA U T.J., pUC. 8.
VYyer pa3znuyHOi ckopocTd U y3UH MO YaCTULIE U HOCHTEIIO
NPUBOJUT K BOSHUKHOBEHHIO d()(eKTa 4aCTHUYHON OJIOKHPOBKH
MOBEPXHOCTH dYacTuilel MmoJiekyiaamu CO. Hanpumep, mnpu
cootHomennn kg kgi™® = 1/5 yMeHblleHHe pasMepa
AKTUBHOM MOBEPXHOCTH Najutagus goxoaut 1o 30%, puc. 9.

Kak ObUIO OTMEUYEHO BHIIIE, MOJCPHU3AIMS IPOTPAMMBI

[O3BOJIMJIA IIPOBOAUTHL pacuyeTbl C BO3MOXKHOCTBIO yYyeTa
Puc. 9. bnoxupoBka NOBEPXHOCTH

pPa3IMYHBIX CBOMCTB PA3JMYHBIX IPaHEl HAHECEHHOW YaCTHIbl  YaCTHIBI MOJIEKyJIaMU COyye
BeiencTrue 3G (hexra CuuIoBepa: a)

(puc. 10). Ilpu pacuerax mpeamnojarajioch, 4TOo Ha BEpXHEH, HOCHTENIb, b) — OBIACTS YACTHIIEL

6omnee mioTHo# rpann (100) agcop6ums CO u kucimopoma, a  MOKpbrtas coeM MONEKyT COqy, €)
— aKTUBHas NOBEPXHOCTb YaCTUIIbI.

TaKKe IPOHUKHOBEHHE aTOMOB KHCII0poJa B

IIPUNOBEPXHOCTHBIN CJIOH MAET MeleHHee, 4yeM Ha 00koBbIX (110) rpaHsx, Torga kak aecopOuus u

nuddysus CO — GbicTpee, Tabn. 1. Pe3ynbTaThl pacdeToB mpeicTaBiaeHsl Ha puc. 11. Okaszanock, 4To B

cirydae, eciii OOKOBBIE M BEPXHSISI TPAHU HE CBsI3aHBI ¢ ToMoInbio quddy3un CO, To Ha BepXHEl rpaHu

KoJebaHuil mpakTudecku HeT (puc. 11, a), Toraa Kak Ha OOKOBBIX TPaHIX HAOIIOAIOTCS PETYJIIpHBIE



Catalyst

(100)

(110)

Puc. 10. Moaenp HaHOYACTHUIIBI, HCIIONIB3YyEMast IIPU pacyeTax: a) — BUja cOOKy, b) — BUJ CBEPXY.

(a)

Tabm.1 | AncCO | AncO2 | O6pa3O | HecCO Juddysus CO
(100) 0,8 0,8 0,01 0,4 120
(110) 1,0 1,0 0,03 0,2 80

(b)

kosiebanus. [Ipu BBenennn nuddysun moaexya CO mo o60uM rpaHsM KHHETHKA MPOTEKAHUS PEaKIUU
cymecTBeHHO m3MeHsercs (puc. 11, 6). Ha BepxHel rpaHu BO3HUKAIOT aBTOKOJICOAHUs, aBTOKOJICOAHHS
Ha BCEX IPaHAX MPOUCXOAAT B (a3e, NMPH ITOM 4YacTOTa KOJEOAHUH 3HAYUTEIBHO OTIMYAETCA OT
coOCTBEHHOM 4acTOTHl KoNebaHuii O0KOBBIX rpanei (puc. 11, a). Ha puc. 12 mpeacraBnena ¢asoas

TPAaEKTOPUS peakiuu, OTiIoxkeHHas B koopauHarax COads, Oads u Osubs.
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Puc. 11. Kuneruka nporekanus peakiuu Ha 60koBbIx rpansx (110) (1) u Bepxueti rpanu (100) (2) B cioyuae,
KOT'Jla TpaHH He CBsi3aHbI (a) U cBsi3aHbI (0) Mexay co0oii ¢ moMotbio quddy3un Mosekyn CO,ye.

bbutn mpoBeneHbl pacyeThl Ha IIEPOXOBATOM JUHAMUYECKM HW3MEHSIOIIEHCS IoJ BO3JEHCTBHEM
aJICOpPOIIMOHHOTO CJIOSI TIOBEPXHOCTH HAaHOYACTHLbI, puc. 13. OOHapyXeHO, YTO TNpPH KOHCTaHTE
ckopoctu gecopommm CO,gs ¢ HoOcuTens paBHod 0.7 koneOaHus HAOTIOZAIOTCS HA YaCTHIAX
karanuzatopa pasmepom 50x50, 100x100 u Beimie. Ha wactume 50x50 xosiebaHus HEpeTyJsIpHBIE, Ha
gactuie ¢ pazmepoMm 100x100 u Bbeime xonebanus peryispabie (cp. ¢ puc. 5). Ha gactune 20x20
KosiebaHuil He oOHapykeHo. B maHHOM ciyyae cBOil BKJIaJ B M3MEHEHNE KHHETUYECKUX XapaKTEPHCTUK
peaknuy JaeT 3aTpynHeHwe i axcopboumm O, Ha IIEPOXOBATYIO ITOBEPXHOCTD,

T.K. I



Puc. 12. ®a3oBas TpaekTopus peakiinu Ha 60koBbIX rpasx (110) (1) u Bepxueii rpanu (100) (2) B ciydae,
KOT'Jla TPaHM He CBsI3aHbI (a) U cBsA3aHbl (0) MeKIy co0oii ¢ moMombio Auddy3un Mosekyst CO,ye.

OMMOJIEKYJIIPHOM  JTUCCOIMATUBHOM  ajacopOIuu
KHCJIOpOJia HEOOXOIMMO HaJIMuue JIBYX MOCaJOYHBIX
IEHTPOB HAaXOAAIIMXCS Ha OIHOW BbicoTe. Jlms
MOHOMOJIEKYJIsipHOH  ancopbuun  CO  Takoro
3aTpyJHEHUs He  cyulectByeT. B pexume
aBTOKOJICOaHMI CYIIECTBEHHBIX W3MEHEHUH
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DUBUKO-XUMULECKUX NPOYECCO8 HA HAHECEHHIX HAHOYACTMUYAX KAMATU3AMOopa.

7. A.B. MargeeB, E.B. Kosanes, 10.I'. MeaseneB, E.A. Jlamuna, 3asBka Ha ydactue B JIaBpEHTHEBCKOM
KOHKypce MosoaexHblx npoektoB CO PAH, Kpumuueckue saenenus 6 peaxyuu oxucaenuss CO Ha

MOHOKpucmaulax u Hanovacmuyax nannaous

Takum 00pazoM, B XO/i€ BBINOJIHEHUS PabOTHI 1O NPOEKTY, MPOBEIEHBI UCCIEAOBAHUS B CIEIYIOLINX
HaIpaBJICHUAX:

1) mpoBeneHa MoAEpHHU3ALUS IPOTPAMMBI C IIEJIbIO PACUETOB Ha pelIeTKax > 10%x10%

2) NpoBEACHO M3yYEHUE MPUYMH CaMOOPTaHM3AlMM XMUMHUYECKON peakllMd Ha MAaKpOypOBHE (C
pa3sMepoM  pEeLIEeTKU 8*10*x8*10* atomMoB). HamaxkeHO TecHOE COTPYIHHUYECTBO CO
cnenuanucraMd VHCTUTYTa BBIYMCIUTENBHONM MaTeMaTUKH M MaTeMaTUYeCKON reodusuku c
LIEJIBIO IPOBE/ICHUS NAbHEHIIINX Pacue€TOB METOAOM MapauIeIbHbIX BEIYUCIICHHIH;

3) uccrieaoBaHO BIMSHUE JIaTepalbHBIX B3aUMOJEHCTBUN MEXIY acOpOMPOBAHHBIMHU aTOMaMH M
MOJIEKYJIaMH Ha KUHETUKY IPOTEKAHUS PEaKIIUH;

4) mocTtpoeHa MOJelNb, HallMCaHa IpPOrpaMMa, U TMPOBEAEHbI pacueThl MO HM3YUYEHUIO YCJIOBUMN
CYILIIECTBOBaHMs aBTOKOJIEOATENBHOIO PEXUMa HA PpEAlbHBIX CHUCTEMax (HAHOYACTHLAX) C
ucronb3oBanueM meroaa Monte-Kapno. Omnpeneneno BiausHue: (1) pa3sHOH KaTalUTHYECKOM

AKTUBHOCTH Pa3JIMYHbIX FpaHefI HAaHOYaCTUIIbI, YTO BHOCUT BKJIaJ B CYMMApPHYIO aKTHUBHOCTH
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YaCTHUIIBl CIIOKHBIM HEJTMHEHHBIM oOpazom; (i) mauddy3uu ancopOMpPOBaHHBIX BEIIECTB IO
MMOBEPXHOCTH HOCUTEIISI K YaCTHIIC ¥ HA00OPOT (CIHIIITIOBED);
5) mpoBeAeHBl pacyeThl IO U3YyYEHHUIO IMpoliecca H3MEHEHHs MOP(OJIOrMHM YacTULl T0A

BO3/ICUCTBUEM PEAreHTOB, T.€. «IIOACTPAUBAHUSY YACTHUIIBI IO PEKUM aBTOKOJICOAHUIA.
Pe3ynbrarel paboThl MO3BOJIAIOT YTBEPXKIaTh, YTO 3a OAMH TOJl COBEPILIEH PE3KUN KaueCTBEHHBIN
CKa4OK B 00JacTH MOJCIMPOBAHMS KHUHETUKU MHpoTekaHus peakuuu okucieHus CO. Hmerommecs
pOorpamMMbl MO3BOJIAT NMPOBOAUTH HUCCIIEOBAHUS HE TOJIBKO Ha MOHOKPHUCTAJUIAX, HO M Ha pealbHbIX
HAHECEHHBIX CHCTEMAax C Y4Y€TOM BIIMSHUSA HOCHUTENS M PA3IUYHBIX CBOMCTB Ppa3JIMYHBIX TIpaHel
gacTuipl. HecMOTpss Ha OTCYTCTBME CTaTe IO MPOEKTY, HapaOOTaHHBIA MaTephall OOECTICYHT
HaIMCaHue My OMKaIis B OJvKaiiiee Bpems.

CLII/ITaCM, YTO CTCIICHb BBINIOJIHCHUSA 3asABJICHHBIX B IIPOCKTC 3a/1a4 MOKHO OCHHUTH KaK 80 %.

K.X.H. A.B. MatBeeB

E.B. KoBanes
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