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IToBepxHEBi CTPYKTYypH B MO/IeJIi peakilil OKMCJIeHHS MOHOOKCH-
Ay BYTJIEITIO

I.C. Bzogcbka, .M. Mpuriozn

Amnoraris. IlpeacraBieHo pe3ysbTaTn MOJETIOBAHHS KATAJITHIHOI Pe-
akil okucaeras CO 3 ypaxyBaHHSM MpOIeciB audy3il MOJIEKYJI MOHO-
OKCH/Ly BYTJIEIO IO HeomHOpiaHi# mosepxui Pt(110), sika MicTuTh CcTpPY-
KTYPHO BiIMIHHI JIUJISHKY, 10 yTBOpOIOThCs 1mij gac CO-iHIyKOBaHOIO
repexojy Bijr pekoncTpyiioBanoi 1 X 2 ¢as3u 10 06’emuoi 1 x 1 ¢azu. Ha
HEOTHOPIIHI# TOBEPXHI OTPUMAHO ITPOCTOPOBO-YACOBI IOBEPXHEBI CTPYK-
TYPH JJjI TOKPUTTS KACHIO Ta YACTKH MOBEPXHI CTPpYKTypu 1 X 1.

Surface structures in a model of carbon monoxide oxidation
reaction

I.S. Bzovska, .M. Mryglod

Abstract. We present the results of the modelling of catalytic CO oxi-
dation with taking into account the diffusion processes of the carbon
monoxide molecules over the inhomogeneous Pt(110) surfaces whi-
ch contain structurally different areas. These areas are formed duri-
ng the CO-induced transition from a reconstructed phase with 1 x 2
geometry of the overlayer to a bulk-like (1 x 1) phase with square atomic
arrangement. On the inhomogeneous surface, we find spatio-temporal
surface structures of the oxygen coverage, as well as the fraction of the
surface of the 1 x 1 structure.
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Beryn

IIporiecu camoopranizariii, CIIOHTAHHOI'O BWHUKHEHHS IOPSIKY Y
peakxiitHo- 1udy3iiiHIX crucTeMax B2Ke JIaBHO IIPUBEPTAIOTH 3HAYHY yBa-
ry ximikiB, ¢isukis, 6iosoris. CydyacHi eKcliepuMeHTaIbHI METOIUKH J10-
CJIIJI>KeHHST TIOBEPXHi, 30KpeMa (DOToeMiciitHa eJIeKTPOHHA MIKPOCKOITis,
JEMOHCTPYIOTH BEJIUKY PI3HOMAHITHICTD SIBUII, TAKAX SK [TOIIUPEHHS Pe-
aKmiitanx (GPOHTIB, cTOsTYl XBUJI, cripaJi, XiMidyHa TypOyJIeHTHICTD TO-
mo [1H4].

BununknenHnst HepiBHOBaXKHUX CTPYKTYP Y TAKUX CEPEIOBUIIAX IIOB 5I-
3YIOTh 13 B3a€MOJII€I0 HEJIHITHUX JIOKAJIBHUX IIEPETBOPEHD, IO MAaOTh
[O3UTUBHUI 3BOPOTHIH 3B’430K (aBTOKaTa/i3, noBepxHesl ¢a3osi mepe-
XOJIU TOIIIO ), Ta TPAHCIOPTHUX Hpoueci (audysis), gki 1pocTopoBO 3B -
3yI0Th cucteMy. /[BoMa MUPOKO BiTOMUMM XiMiUHUMH CHUCTEMAaMH, SKi
Bi/IITOBITAIOTH UM KPUTEPisiM, € aBTOKATAJITUYHA peakiiis BeroycoBa-
ZKaboruuebkoro [5[6] Ta peaxiisi okuciieHHs] MOHOOKCH/Ly BYIJIEIIO HA
wiarunosiit nosepxui [THIO]. IIi peaxiii penpe3eHTyOTh CUCTEMHU, IO €
JaJIeKi Bij TepMOIMHAMIYHOI PIBHOBAIH 1 BiIOyBAIOTHCS 38 YMOB OOMIiHY
3 HaBKOJIMIITHIM CEPEIOBUINEM YacTHHKaMu Ta eHepriero. OpierTaris mo-
BEPXHI KaTaJjizaTopa B TaKiil cucremMi Ma€ BUPINIAJIbLHUN BILIUB Ha BUHU-
KHEHHSI KOJIMBaHb Ta IMOBEPXHEBAX CTPYKTyp. ucra mosepxHs Pt(110)
€ peKoHCTpyitoBaHa i siBJisie c06010 cTPyKTypy 1 X 2. AjcopboBani Mo-
sgekyin CO, skmo Beqmanaa mokputtsa CO mepeBuriye meBHe KPUTAIHE
3HaYEeHHsI, IOBEPTAIOTEH IOBEPXHIO 10 00’€MHOT KOH@Irypalil — CTPyKTYy-
pu 1x 1. gk pesynbrat, mosepxus Pt(110) crae HEOTHODPIHOO Ta MICTHTE
CTPYKTYPHO pi3ni obmacti 3 pisauM (1 X 2 un 1 X 1) BOOpsiIKYBaHHSIM
aTOMiB. 3aJIe?KHICTh IMOBIPHOCTI a/1cOPOIIil KMCHIO Bill CTPYKTYPHUX MO-
mudikariii TOBepXHI CIPUYUHSE TPOCTOPOBO-UACOBI KOJMBAHHS HA II0-
BEPXHi.

Hocaimkenns: HecTifikocTell y 4aci Ta MpocTOpi Ha OCHOBI PeaKIiiiHO-
audy3iiHIX Moeell TAKIX PeakxIliil JormoMarae BUsABUTH 3arajbHi BJa-
CTMBOCTI IOCUTH MIUPOKOTO Kiacy HepiBHOBaxkuuxX cuctem [11]. Suaroun
MEXaHI3MI BUHUKHEHHS Ta PYWHYBaHHS IPOCTOPOBO-9aCOBUX CTPYKTYP,
BCTAHOBHUBIIHN CIIOCOOUM KePYyBAHHsI HUMU, MOYXKHA CTBOPUTH HOBI Iepcie-
KTUBHI nmpmwiaau o6pobku indopmarliii, po3pobUTH METOIU IIiIBUIIEHHS
eeKTUBHOCTI B XiMiIHI#l TPOMUCTIOBOCTI TOIIIO.

IIss pobora mnpucBsvueHa JOCII/ZKEHHIO PO3BUTKY IIOBEPXHEBUX
MIPOCTOPOBO-IACOBUX CTPYKTYP, IO BUHUKAIOTD ¥ PEAKIHHO- Ty 3iiHiit
MOZIel peakilii OKUCJIeHHST MOHOOKCHLY ByrJiemio Ha nosepxui Pt(110)
npu peaJtizanii 6idyprarnii Xomda. Anamiz mecriiikocreit y waci i mpo-
CTOPi cHCTeMU MPOBOJUBCS HA OCHOBI METOJIIB JIiHIfIHOT Teopil cTiliKocTi
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Ta YHUCeJHFHOTO MojiesioBanus. [lokazano, mo nmpu nmeBHUX mapaMeTpax B
cucTeMi JIifiCHO BUHUKAIOTH CTPYKTYPH, Ilepeidateni JiHiHUM aHATI30M
Ta CXOXKI JI0 THX, IO CIIOCTEPIral0ThCA B €KCIIEPUMEHTI.

1. ®opmyJtiroBaHHS MOJeJIi peakIiii Ta aHaJ3 CTilKo-
CTi cucreMu

Posrnsaemo Momens peakiiil KaTaJJiTUIHOTO OKHACJIEHHS MOHOOKCHTY BY-
IO, 110 Bpaxosye 1poiiec audysil mosexya CO no nosepxui Pt(110),
JJIS SIKOI XapaKTEePHUMH € MIPOIeCH PEKOHCTPYKITT noBepxHi. JLj1s1 mporo
B CHUCTEMY KiHETHYIHUX NUMEPEHIaJIbHUX PIBHIHD, IO OMHUCYE JIMHAMI-
qHy noBeainky mogedi [12], 6ymo Britoueno audysiitauii 101aHOK, KMt
BpaxoBye nudy3ir0 MOJIEKYJI MOHOKCH/TY BYIJIEIIO 110 TOBEPXHI KaTaJ i3a-
topa [13]:

do
dio = DAbco + pcokcosco(l — 60Lg) — dbco — kr8cobo,
dé
d—:) = po,ko(s1x101x1 + s1x2(1 — 01x1))(1 — 0o — 00)?
~ kfoofo.
d6 uy — 0 -1
% = k5 |:1+€Xp (05711,00)] —91><1 . (1)

Ilosicuenns i BesinyunMHM apaMeTPiB, 0 BUKOPUCTOBYBAJIUCS B IIOJAJIb-
mmx pospaxynkax, Hasegaeno B Tabsmni [0l (mus. [13]). [epie piBuanus
(@) onucye 3miny kinbkocri agcopbosanoro CO 3 BpaxyBaHHIM XiMIYHOT
peakmil 3 ajcopboBanuMm kuctem, mecopbuili CO 3 mecopOIiiiiHOO KOH-
cranroo d ta qudysii CO. INepmmii nomanok y apyromy pisusaai ([II)
OTIUCY€ JTUCOIIATUBHY aJICOPOITiI0 KUCHIO, & JPYTUit — 3MiHNU, 00yMOBJIeH]
peaxieio okucienuss CO. Ocranune pisugnug () — ue xineruune pis-
HSIHHS TIEPETBOPEHHsI MTOBEPXHI HEPEKOHCTPYHoBaHOI cTpyKTypu 1 X 1.
Y it MOZIesli BpaXOBYEThCA TAKOXK MeXaHI3M IPeKypcopa JJjist KIHETHKI
ascopbuii CO wepes ekcnonenry ¢ = 3 y upasiii yactuni pisusauus ().
ITe pobuTh MOIE/B OLIBIT PEATICTUIHOIO, OCKIIBKY MPUTHIYeHH a7 COpO-
il st CO 1 Og € acumerpuanum — agcopboBannit CO cuibHinme 610Kye
aacopOITiio KUCHIO.
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Tabur. 1. ITapameTpu Mo/iesi, 1110 BUKOPUCTOBYBAJIICS IIPU IUCTIOBUX PO3-
paxyHKax

T 540 K Temmneparypa
pCco ITuromuit Tuck CO
PO, 9.75 x 10~° Topp ITuromuit Tuck O2
kco 4.2 x 10° ¢ '"Topp~ ' | Yacrora sitknenr CO 3 moBepxHEO
ko 7.8 x 10° ¢ 'Topp~ ' Yacrora 3iTkHeHb O2 3 TOBEPXHEIO
d 10.21 ¢! [IBuakicTs gecopbuii CO
D 1077 et Ieuakicrs qudysii CO
k. 283.8 ¢! IIsuakicTs peakiril
SCco 1 Koedinient namunanusa CO
50,1x2 0.4 KoedinienT namunanus KUCHIO
y dazi 1 x 2
ug, OU 0.35, 0.05 Ilapamerpu cTpyKTypHOTO (ha3zoBOro
epexomLy
ks 1.61 ¢t [IBuakicTh Ha30BOro mepexomsy

Cucrema ([Il) B 06e3po3MipeHnx 3MIHHEX Ma€ BUIVIAL:

di(zo = Fi(fco,00) = DAOco + Poo(l — 030) — ddco — bcobo,
dg;;) = F(0co,00,01x1) = Po, (1 + 01x1)(1 — bco — 00)°
— fOcobo, 2)
-1
d9dl:1 = F3(0c0,01x1) = ks [1+eXp (%)] 011 |,
ne t = k,7 — Gesposmipna wacosa 3minna, D = D/k, — Ge3poamip-

mmit koedinient mudysii monexyn CO, poo = pcokcosco/kr, Do, =
po,ko sg‘)“/kr, d = d/k,, ks = ks/k, — obe3po3mipeni napamerpu, Imo xa-
PAKTEepPHU3YIOTh CUCTEMY. SO = sg‘)x 1011 —i—sg‘)“ (1—61x1) = sg‘sz (14+61%1)
B npumymenti, mo g Pt(110) s§* /sg % ~ 2.

Cucrema mudepenriiianx pisasaab ([2]) i3 wacTuHHO0 TOXiTHOW B 3a-
raJIbHOMY BUIQJIKY HE MOXKe OyTH PO3B’sg3aHa aHAMITHYIHO. ToMy aHaJI3
HecTifikocTell y Jaci i mMpocTopi cucTeMu MPOBOJIMBCA HA OCHOBI METOJIIiB
JIiHIKHOT Teopil crifikocTi Ta wncespbHOro MojesaoBaHHs. Cucrema piB-

Haub (2) y siniftHoMy HaGJKEHHI JUIsl BIAXWIEHBb BiJ CTAIIOHAPHOTO
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crany 00;(r,t) = 0;(r,t) — 0; s(r) Mae BurIs
o ’ [ OF, _
géei(r, t) = Z (8—9]) o 59] (r, t) + DAé@i(r, t), (3)
7j=1 k=Vk,s
i,j=C0,0,1x 1.

CrilikicTh cucTeMu OyJIeMO JOC/IJZKYBATH METOJIOM HOPMAaJIbHUX MOJ
BIZIHOCHO TI€PIOAMIHOTO B IPOCTOPI 30y peHHsT (HOPMAJILHOT MOJIN) 3 JIOB-
xunoto xBuyti . JIjtst mporo pobumo miacranosky 86 (r, t) ~ e T e
k = 27 /) — XBWIbOBE 4UCJIO, Ta OTPUMYEMO JIHIHY cUCTeMy DIBHSAHB

2

Jj=1

a0,

E; — )
<8 > - Dk2511 - w5ij‘| 59J = O, 1= 1, 2, 3. (4)
0 =0k,

AHaJii3 cTiliKoCcTi BUMAarae po3B’si3Ky CEKYJISIPHOI'O PiBHSIHHS

oF; —
det ( ) — Dk2511 — wéij = O, (5)
(96‘]' 0r =0k,
3BizKU oTpuMyeMO piBHsHHS 1t w(k):
w? + b(k)w? + c(k)w + d(k) = 0, (6)
JIe BBEJIEHO HACTYITHI MO3HAYECHHS:
b(k) = E5 + 3?009%075 + E + 9075 + 2?02 (1 + 91><1_’5)

X (1 - HCO,S - 90,5) + HCO,S + EkQ,

ck) = (3Pcobios+d+0os+ DE?) (ks + 2po, (1 + O1x1,s)
x (1—=60cos—"0o0s)+0cos)
+ ks (2P0, (14 61x1,s) (1 — fcos — Oos) + Oco.s)
- GCO,S (2ﬁ02 (1 + elxl,s) (1 - HCO,S - 90,5) + 90,5) 5
d(k) = ks(3Pcobto,s +d+ 00, + DE?) (2P0, (1 + O1x1,s)
X (1—=60cos—"00s)+0cos)
B exp (uo - 9co,s>
_k ou
+ Do, £900,5(1 —0co,s — 00,s)°

ug — 6 2
e

— ks0c0,s(2Po, (1 + 01x1,s)(1 — Bcos — Bos) + 00.s).-
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Posp’askom KybGignoro pisuganus (@) € w = w(k)

k k b(k
w(k) = Q/—§+\/D(k)+§/—¥— D(k)—%, (7)
Je JJisi 3pY9YHOCT] BBEJIEHO TTO3HAYEHHS:

3 C
= 20U

b2(k)

p(k) = c(k) —

_ (k) | p’(k)
4 27

Iapamerp D(k) B 3arajqbHOMY BUIIAJIKY MOXKe IPUAMATH K JOJATHI, TAK
i Big'emui snavenns. dxmo D(k) < 0, mig xoperem KyGiuaum 6ymemo
MaTH KOMILIEKCHe ducyio. Kopiab KyOiuHHIT KOMILUIEKCHOTO YHCIA 2z =
a+bi

D(k)

2 2
3z = 3|z cossp—i_ nw—l—isin(p—'— 7 , n=0,1,2.
3 3

b
|z| = Va? + b2, ¢ = arctg —.
a

Toxi mucnepciitiie cuiBBigHOIIEHHST OyAe MICTUTH IIMCHY 1 YABHY 9aCTHU-
HiL, To0TO w(k) = Rew(k) + ilmw(k):

arctgw
2(k
wa(k) = 24¢ qT() + |D(k)]| cos 3q(k)
2 2 b(k
X <cos$ +isin%> - % n=0,1,2 (8

Honanok Rew,, (k) onucye criiikicTb po3s’a3Ky

(60co,k (W) (600,k(w)), (001x1,k(w))

Ta XapaKTepHU3Ye MPOIIEC PeIaKCcaItil

2 ety VIO
04 ik) + |D(k)|cos+(k)cos2n% — @, 9)

roii sk Im w,, (k) 3a1ae 9acTOTy KOJMBHOIO LPOLIECY

2y/|D(k)]

arctg
2(k 2
Imw, (k) = 24 % + |D(k)| cos +® sin %

Rewy (k) =2
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2. YuceabHi po3B’a3Ku

2.1. OgHopimHa moBepxHS

Cucrema € CTIRKOIO, KOJIN
Rew(k) <0 paa Vk, (10)

TOOTO KOJIX BCi HOpMAaJIbHI MOJM €KCIIOHEHIHIHO 3MEHIIYIOThCS. ¥ BU-
MajKy, KOJau X0o4a O Jijist OfHieT MOM P IEBHOMY Kk BUKOHYETHCS PiB-
uicts Rew(k) > 0, To Best cucrema crae HECTIHKOIO, OCKIILKE aMILITY A
BimosisHoro pyxy sbimbmyersea. Ha miomuni napamerpis (P, , Dco)
ymosa ([[0) Busnauae obacts criiikocri cucremu (puc. [II).

0,075
0,070
0,065
0,060

0,055

pCO

0,050

0,045
0,040
0,035

0,030

0,04 0,06 0,08 0,10 0,12 0,14

Puc. 1. [Hiarpama criiikocri cucremu B miomuni Tuckis (po,, Pco)-
IMIrpuxoBana miuist 3amaeTbesa ymoBoio Rew = 0. ['panuanuit nuk pea-
sizyerbes B oburacti 111

Sk 6aunmo 3 pucynky [l B miomuni THCKIB BUHUKaE 4O0THpHU 0bJIa-
cri. B obnacrax, noznavenux wa pucysky I, II ta IV, cucrema € criiikoro,
OCKIJTbKY BiAXWJIEHHsI Bix piBHOBarm B obsactax I ta IV ekcnonewnttiitno
3MEHIYIOThCs, a B obsacti Il crocrepiraloTbest 3aracartdi KOJTUBAHHS.
Ob6aacrs I — 11e 061acTh BUCOKOT KATAiTUYHOI aKTUBHOCTI, Ha [TOBEPX-
Hi crocrepirarorbes ajcopboBani mosiekysn CO Ta KuceHb. 3a TaKUX
YMOB icHye Bejuka iMOBipHicTH peakiil okucjenss. Objyacts IV, HaB-
MMAKH, XapaKTEePU3YETHCS HI3HKOIO KATATITUIHOIO aKTUBHICTIO, OCKITHKI
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[IEPEBAaYKHO BCs MOBEPXHs KATAJI3aTOpa BKPUTA aJCOPOOBAHUMU MOJIE-
kysiamu CO. IMOBIpHICTH IPOXOJIZKEHHSI PEAKIIT 38 TAKMX yMOB € IyZKe
un3bkoto. [Ipu Buxoi 3a Mexi 1ux obJracteit ojiHa abo Kijibka HOPMAaJTb-
HUX MO/I CTAIOTh HECTIHKUMU, i CHCTeMa CIIOHTAHHO IOKU/IA€ TOYATKOBUM
cramjonapuuii cran (puc. 2)). Ha niarpawmi criiikocri e obaacts 111, Tpu
3MiHI KOHTPOJIBHOT'O apaMerpa OyIeM0O MaTH IEePEXO/IN 3 OJHOTO PEeXKU-
MY CTIMKOCTI JI0 1HITIOTO.

900' 9O’ 91"1

Puc. 2. Cranjonapuuii cTal cHCTeMH sK (QPYHKIIS TUCKY Pog-

Ha pucyuky Bl 306paxkeno 3amexuicrs aiiicuoi yactuau Rew muc-
IIEepCIHHOrO CIiBBIAHOIIEHHS BiJ, IUTOMOTO TUCKY Pco AJIA PI3HHX 3Ha-
YeHb XBUJILOBUX YHCEJI K IIPM 3HAYEHHI NUTOMOIO TUCKY Dp, = 0.107.
Baunmo, mo Rew > 0 mis xBuiboBoro ducia k = 0 B miama3oHi Tu-
ckiB 0.056 < P < 0.063, a 1e osHadae, IO IPU TAKUX HapaMeTpax
THCKY CHCTeMa BTpadae CTillkicTb. 3HaYeHHd TUCKIB Pog = 0.056 Ta
Dco = 0.063, mo BinnmosinaioTs Meki obsracTi cTiKOCTi, € KpUTUYIHUMI.

Ha pucynky Ml 306pazkeno mucnepciiiai 3amexknocri Rew ta Imw/10
BiJI XBUJIBOBOI'O YHCJIa K JJIsl 3HAYEHb THCKIB D, IO BLIIOBIIAIOTH Di-
3HUM 00JIaCTAM Ha Jiarpami CTIHKOCTi, mpeicrasieniii Ha pucynky [l
[IpU CTaJIuX 3HAYEHHSX PEIITH mapaMmerpis cucremu. B obsractsx I ra IV
noseiaka Rew(k) ta Imw(k) e noxibuoo, ysiBHA YacTHHA AUCIEPCiii-
Horo criBBignomenus Imw = 0 npu Oyab-IKUX 3HAYEHHIX XBUIHOBOTO
yncia k, gificaa gactuna Rew < 0 g Vk. Tomy ma pucynky M nase-
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0,005

0,000

Re w

Puc. 3. SanexmuicTs mificaol vacturn Rew mucmepciitnoro cuiBsimHOIIE-
HHS BiJf IETOMOTO TUCKY Dco [JIf Pi3HUX 3HA4YeHb XBHUJIBOBHX dHCeJ k.

JaeHo pesyiabraTtu Jjmuire s obnacreit I, IT ta III. B obmactax I, II ta
IV cucrema € criitkoro, ockinbku Rew < 0 ma Bcix k. B obmacti 111
cucreMa BTpadae CrifikicTb, ockinbku mpu kg = 0 Rew > 0. Tak, upu
TUCKY Poo = 0.06 y cucremi 3i cranjonaproro Toukoo (fco = 0.359,
0o = 0.123, 011 = 0.545) peanizyerbca cuenapiit 6idypkanii Xonda 3
Imw(ko) = 0.419, Rew(ko) = 0.0033, ne ko = 0.

Ak simomo [14], mecriiikicrs Xonda € JIOKAIBHOIO JTUHAMIYHOK HE-
CTINKICTIO, IITO BUHUKAE Y HEJIHIIHIN cucTeMi 3 KiJIbKOMa YaCOBUMU ITTKa-
jlamu, 1 moTpebye BukoHanHga Takumx yMoB: Imw(kg) > 0, Rew(kg) > 0,
ne ko = 0. Y dhazoBoMmy IPOCTOPi CUCTEMU BOHA BUKJINKAE IMOSBY HOBOTO
aTpaKTOpa - FPAHUIHOrO MUKy (3aMKkHeHOI opbitn) [15]. Ak pesysnbrar
6idypxrarii Xormda eBosroriss cucTemMu BilOyBa€ThCA 3a CTAHAMU TPAHU-
YHOTO TMKJLY (2BTOKOJIMBAHHS).

V 1poMy BUIAJKY CTIKICTH CHCTEMH BiTHOCHO TOMOTEHHUX (DIIYKTY-
arriit 36epira€ThbCst, OCKIIBKI IPU HYJIHOBOMY XBUJIBOBOMY YHCJIi CEKYIIAP-
ne piBusHug (Bl) nepexonuTs y pIBHAHHS BIINOBIHOT FTOMOI€HHOT PEaKIIl.
Tomy Bu3HAYMTH, IU MOXKJIUBI B CUCTEMi aBTOKOJIMBAHHS, MOYKHA, aHAJIi-
THYHUM IJISXOM, BPAXOBYIOUHN iCHYBaHHS PI3HUX IIKAJI YaCIB JJIs OIICY
pesakcanil y cucremi [I6L17]. ITpunycrumo, mwo Oco(t), 0o (t) — mBuako
pesakcyiodi 3minui, 61x1(t) — moBLIbHA 3MiHHA, TOM B Jiala3oHi 4acis
t <11, T2 K T3, Ie T1, T2 Ta T3 — 9acu peaakcaiil 1yst 0co(t), 0o(t) Ta
01x1(t), BigmosinHo, 3MiHa 0141 (t) € Masow0 BemuuHOW0O, df; .1 /dt ~ 0.
B rakomy mpuiymeHHi yMOBa BUHUKHEHHSI I'DAHUYHOIO IUKJIY MaTHMe
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Puc. 4. Tucnepciiini 3amexuocti aificaol Rew (cyninbHa siHist CHHBOTO
KOJIbOPY ) Ta ysiBHOI 9actus Imw/10 (mrpuxoBaHa JiHis 9epPBOHOTO KO-
JIbOPY) BiJl XBHJIBOBOTO BeKTOpa Kk pHU THCKaX Pro = 0.048 (obmacts 1),
DPco = 0.053 (II) ta Do = 0.06 (III), Bigmosimmo. ITnToMuit THCK KUCHIO
Po, = 0.107 B ycix Bunagkax.

BUTJIAI:
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X

1 Up — 08 s s
<—@ tanh (WCO) (1— 080 — 05) + 2> <0. (11)

Ha ocroBi Teopii Xomda MoKHA BCTAHOBUTH 3aJIEXKHICTH IEPio-
Jy TPAHUYHOTO IMKJIY, IO BiJIIIOBi/a€ CTIHKUM aBTOKOJMBAHHAM JIU-
HaMIYHUX 3MIHHAX y CHCTeMi, BiJ 30BHIIMHbOrO Mapamerpa. llepi-
on ocumsinitt T = 27 /Imw(ky), ne ko — HyabOBE XBWJIBOBE Y-
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cimo. ns cucreMm, MO PO3TIIANAETHCH, Nepioji KoauBaHb € 1 =

—1
2(k 1 2+/|D(k 2
Q/M + |D(ko)| cos | = arct 2VID(ko)| sin 2%

4 3 T (ko) 3

AsrokonuBannst TOKpUTTIB Oco, Oo Ta moBepxHEBOT reoMeTpil 611,

a TaKOXK BiAMOBimHWI daz0BuUil mopTper cucremMu 300parKeHUiT HA pPH-

cyuky Bl fAx 6aummo, dazoBa TpPAEKTOpis HAKPYUIYETbCST HA 3aMKHYTY

KPUBY — I'DAHUYHUI IIUKJI, TOOTO CepeiHi BEJMYNHU IIOKPUTTS a/1copba-

Ty Ta YacTKHU NOoBepxXHi 1 X 1 3a3HAIOTH IEPIOJIMYHUX KOJIMBAaHb, IO €
pesyabraToMm Gidypkarii Xomda.

0
3000

1)

Puc. 5. AprokosmuBanHsI TOKPUTTIB Oco, B0 Ta IMOBEPXHEBOI reoMeTpil
01x1 mpu THUCKY Do = 0.06. I'panmynmit nukn #Ha $Ha3oBoMy mOpTpeTi
cucremy, 1o 1epedyBae B aBTOXBUIBOBOMY DEXKHUMI, DU TUCKY Do =

0.06.

2.2. HeomHopiana moBepxHsi

st mocuti ke s HeOJHOPITHOCTEH Ha MTOBEPXHI PO3IVISHEMO B O/IHOBH-
MmipHomy Bunaixy noepxuio Pt(110) posmipy L, = 1 MkMm 3 pisHuMun
MOBepXHEBUMHU (Da3zaMu — PEKOHCTPyiHoBaHOO daz3o0 1 X 2 mo meHTpy
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) = 20§
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0.36 0.12
0.2
3% 05 1 0o 05 1 % 05 1
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0.14 0.7]
0.344
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O —
0.343/_\
0.13 05
0.342; 0.125 0.4

0.5 1 0 0.5 1 o 0.5 1

t=3000

0.64¢ 0.034 1

X
0.649 0.95
0.033,
= 0649
8 0.9
0.649
0.032
0.649 0.85

0.64¢ 0{.\310 05 1 0. h 05

O(x)
1*1(x)

-

Puc. 6. HacoBa eBoJolisi IPOCTOPOBUX PO3IOILIE MOKPUTTIB Aco, 00
Ta TOBEPXHEBOI reoMeTpil 67« 1.

Ta HepeKoHcTpyhoBanow ¢azoio 1 X 1 mo kpasx. Ilepioguuani rpanu-
9HI YMOBU 33/IaBAJINCh TAKUMH, 110 BiJIIIOBIAIOTH BUIAJKY BiJICYTHOCTI
HOTOKY 4epe3 rpanun] inrepsary 0 < x < 1. IlouaTkoBi ymoBu Oynu 3a-
JaHl JIOKaJbHUM 30yPEHHSM y IIEHTPI BifIpi3Ka 3a IUHAMIYHOIO 3MiHHOIO

0151 [7):

B11(2,t = 0) = { 1, <03 T1a z>0.7, (12)

0, 0.3 <x<0.7.
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Bei immi ToOYKM mpOCTOPY 3HAXOAWINCSA B CTAIllOHADHOMY CTaHi.
ITapamerpu peakrii Ta audy3sil BUOMpaJKCh TAKUMHU, IO BiAmOBima-
I0Th aBTOKOJIMBHOMY pexxuMmy. lle o3nauae, mo koiam 6 ycs IOBepx-
HS MiJIKJJIaQJIKA MaJia OJHOPLJIHY CTPYKTYPY, TO YacOBa IOBEJIHKA CH-
cTeMH XapakKTepudyBajacsd O OTHODIIHAMA MEPIONUIHUMY KOJTUBAHHS-
mu noKpuTTiB Oco (2,t) = Oco(t), o (x,t) = Oo(t) Ta vacTku noBepxHi
O1x1(x,t) = O1x1(t), Tak K e 306paxkeno Ha puc. Bl Y Bumauky, xosuu
pexkoHcTpyiioBana daza 1 X 2 3HAXOIUTHCI BCEPEINHI HEPEKOHCTPYHO-
BaHol da3u 1 X 1, rpafJieHT MOKPUTTS MOBEPXHI MOGJM3Yy po3Iiay das
1x2/1 x 1 npusBoauTh [0 NEepexoiy B HeogHopiauuii cran. Ha pucyuxky
HaBEJIEHO YACOBY €BOJIIOIIO IIPOCTOPOBUX PO3MOIIIiB HOKPUTTIB o,
0o Ta moBepxHEBOI reoMeTpil 011 B MomernTn dacy t = 0, 100, 500, 3000.
CriocrepiraeMo po3BUTOK HOBOTO HEOJHOPIIHOTO TOBEPXHEBOrO CTany. B
IIbOMY CTaHI MAE€MO CJIa0KY 3aJIE2KHICTH TPOCTOPOBOTO PO3IIOIILTY TOKPH-
TTs fco BiJl CTPYKTYpHU ITOBEPXHI, sIKA BUPAYKAETHC Yy (DOPMI ITiKa B IIEH-
Tpi 3pa3Ka, ajie 3 9acoM CTa€ MPAKTUIHO HermoMiTHOIO. [IokpuTTs ajicop-
0OBAHOTO KWCHIO € UYT/IUBIIINM JI0 CTPYKTYPHU MMOBEPXHI B MOYATKOBUN
MOMEHT, 1 3 IJIMHOM 4Yacy Ha IIOBEPXHI BCTAHOBJIIOETHCS HEOJHODITHUMI
PO3IOiI KUCHIO, [0 Ma€ KOJUBHUI XapakTep. Ha mouarkoBux eramax
9acoBoi eBouToNil KosmBaHHs O () diTKirme BUpaykeHi 1Mo MeHTpy 3pas-
Ka, 3 IJIMHOM YaCy BOHU IOIIMPIOIOTHCH 1O BCiit moepxHi. CTpyKTypa
MIOBEPXHI 3 YaCOM TeK 3aJIUIMIAETHCS HEOIHOPITHOIO 3 YiTKO BUPAXKEHIM
KOJINBHUM IIPOCTOPOBUM DPO3IIOIIIOM.

IlosiBa mpPOCTOPOBUX HEOJTHOPITHOCTEN MPU3BOIUTH M0 jAedopMmarrii
xBuaboBoro ¢gpponty. Ha pucynky [1] 306pazkeHo aBTOKOJMBHUI pexKUM
CHCTEMH IIPH TUCKY Do = 0.06 y Burasigl konrypuoro rpadika. As-
TOKOJIMBAHHS CUCTEMH BiIOOPAXKAIOThCA TYT K 3MiHA KOJIbOpy (iHTeH-
cuBHOCTI) 1X bony. BaunMo BUHUKHEHHS IIPOCTOPOBO-Y4ACOBUX CTPYKTYD,
HE3HAYHUX JIJIs BeJIMIUHU MOKPUTTS O Ta SICKPABO BUPAYKEHUX JJIsI 9ac-
TKH OBEPXHI 07 x1. Pos3momin fco € npakTuvHO OJHOPIIHUM ¥ IPOCTOPI
Ta HE3aJIE2KHUM BiJ| reoMeTpil ITOBEpXHi.

Bucuoskn

ITpu BpaxyBanHi mporieciB 1udy3ii MOJIEKYI MOHOKCHJLY BYTJIEITIO 10 [T0-
BEPXHI KaTaJji3aTopa OTPUMAHO JIMCIEDCiiiHE CIIIBBIJIHOINEHHS, IO Mi-
CTUTH JIHCHY 1 ysIBHY YACTHHU. YsIBHA YACTUHA BiIOBiIa€ 3a KOJIUBHI
PO3B’sI3KH, JIifiCHA — OMKCY€E CTIHKICTh PO3B’sI3KY Ta Bi/IOBiIac 3a pesa-
KCallio.

BusiBirleno KOJMBHUI pEXXUM THITy TPAHUIHOTO IHUKJIY K PE3Yilb-
tart 6idypkariii Xomda y By3bKiit 0b1acTi ¢ha30Boi giarpamMu Mixk JBOMA
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0.15

0.05

Puc. 7. AsrokonmBanHs BeauduH MOKPUTTSA Oco, 0o Ta 01x1 IpU TUCKY
Dco = 0.06, npencrasiieHi y BUIVIsIII KOHTYPHOI'O rpadika.

OJTHOPITHUMHU CTIMKUMU CTAHAMH BUCOKOI I HUI3bKOI KATAJITUIHO! aKTHB-
HOCTI Ta 3HaMJEHO IepioJ CTIiKUX aBTOKOJIMBAHb JUHAMIYHUX 3MIiHHIX
CHCTEMU.

st moctijizKeHns HeOIHOPITHOCTEH Ha, MMOBEPXHI PO3IVISHYTO OJIHO-
BuMipHy nosepxuio Pt(110) 3 pisauMu HoBepxXHEBUME (ha3aMu — DEKOH-
crpyitoBaHoo paz3o 1 X 2 1o meHTpy 3pa3ka Ta HEPEKOHCTPYIOBaHOO
dazoo 1 X 1 mo kpasx. Bussieno mpocTopoBo-4acoBi CTpyKTypH, He-
3HAYHI JJI BEJUYUHU MOKPUTTS 0 Ta sICKPABO BHPAXKEHI JJIsi 9aCTKU
noBepxHi 01 x1. Posnomin Oco € Maiizke 0JHOPIIHUM y IIPOCTOPI Ta He3a-
JIEYKHUM BiJl TeoMeTpil MOBEPXHi.
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