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HOBEPX_HEBI CTPYKTYPU B KATAJIITUYHIN
PEAKIIII OKNCJIEHHA MOHOOKCUAY BYIJIEITIO

Pobomy npuceaueno 00CAIOHCEHHIO METAMIZMY BUHUKHEHHA NOBEPTHESUL NPOCMOPOBO-
YACOBUL CMPYKMYP N0 “aAC NPOMIKAGHHA KAMANMUYHOT PEAKyii OKUCAEHHA MOHOOKCUIY Y-
2aeyto Ha nosepxri Pt(110), axa moorce micmumu cmpykmypho 610minHi JiAARKY, W0 YMEo-
proromoca nid wac CO-indykosanozo nepexrody 6id pexoncmpyiosanoi 1 X 2 dasu do 06’emmnoi
1 X 1 gasu. Ananiz necmitikocmetds Yy “aci i NPoCcMoOpi cCucmemu NPo6edeHo Ha 0CHO8L MEMO-
di6 AiHItHOT meopii cmitkocmi ma wuceavhozo modesrosarns. Tloxasaro, wo Ha HeoOHODI-
Ol NOBEPTHE NPU NEBHUL NAPAMEMPAT 8 CUCTMEMT BUHUKAIOMD NPOCTMOPOBO-1ACO8T NOBEPT-
HEBT CMPYKMYPU OAA NOKPUMMA KUCHEM MA YacCMKY NoseprHi cmpykmypu 1 X 1. Poanodia
NOKPUMMA MOHOOKCUIOM BY2AEUI0 € MATHCE 00HOPIOHUM Y MPOCTNOPT MG HE3ANEHCHUM 6i0
260MEMPILE NOBEPTHS.

Katwoei cao6a: KaTaTiTUIHA PEAKIlist OKUCICHHS, peaKIliiHO-1udy3iiiHa MOEb, IPOCTO-

pOBO-4YacoBi cTpPyKTypH, bidyprarisa Xormda.

1. Bctyn

IIpormecu camoopranizariii, CIIOHTAHHOTO BUHUKHEH-
He TIOPSJIKY ¥ PEAKIHO-Tudy3iiHIX crcTeMaxX BIKe
JIAaBHO IIPMBEPTAIOTh 3HAYHY yBary Ximikis, di3ukis,
6iosrorie. CydacHi eKCIIepUMEHTAJIbHI METOIUKY IO~
CJIIJPKEHHsT TOBEPXHI, 30KpeMa, (hoToeMiciiiHa eIeKT-
POHHA MIKPOCKOMisl, JeMOHCTPYIOTh BEJIMKY Pi3HOMa-
HITHICTH SBWIN, TAKUX K IOIIUPEHHS PeaKIiTHUX
dponTiB, crosul xBMII, cripaJi, XiMidyHa TYpOyJIeHT-
HicTh Tormo [1-4].

Bunuknenns HepiBHOBaXKHUX CTPYKTYD y TaKHUX
CEpEeIOBUINAX OB’ I3YIOTH 13 B3AEMOIIEI0 HETIHIHHIX
JIOKAJIbHUX II€PETBOPEHD, 1[0 MAIOTh O3UTUBHUI 3BO-
poTHuit 38’5130k (aBTOKATAI3, TOBEpXHEBi (ba30Bi me-
pexoiu TOMIO), Ta TPAHCHOPTHHUX Tporecis (mudy-
3is1), 9Kl IIPOCTOPOBO 3B’A3YI0TH cucTeMy. JIBoMa nim-
POKOBiJOMUMHU XIMIYHUMH CUCTEMaMH, siKi BiJIIIOBi-
JAIOTh UM KPUTEPIsIM, € aBTOKATAJITUIHA PEAKITid
Besnoycosa—2Kaboruucskoro [5, 6] Ta peaxnuis oxuc-
JIEHHSI MOHOOKCHJTYy BYTJIEITIO Ha, IIJIATUHOBIH mTOBEpX-
Hi [7-10]. IIi peakil penpeseHTYIOTh CHCTEMH, IO
€ JaJeKUMU BiJl TepMOJMHAMIYHOI piBHOBAru i BijI-
OyBaIOTHCA 33 yMOB OOMIHY 3 HABKOJIMIIHIM Cepe-
JIOBHIIEM YaCTHHKaMU Ta eHeprieo. OpieHTaris mmo-
BEPXHI KaTaJjizaTopa B Takiil cucreMi Ma€ BUPIIIaIb-
HUI BIUIMB HA BUHUKHEHHS KOJIMBAHb Ta IOBEPX-
HeBux crTpyKryp. Uucra mosepxus Pt(110) — pe-
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KOHCTpy#OBaHa 1 sBjsie coboo cTPyKTypy 1 X 2.
Ancopbosani mostekymun CO, gKIO BeIUYWHA TIO-
kpurtss CO mepeBuillye MmeBHE KPUTUIHE 3HAYEH-
Hsl, TIOBEPTAIOTH MOBEPXHIO /0 00’e€MHOI KOH(pIrypa-
mii — crpykrypu 1 X 1. dx pe3yabrar, MOBepXH:
Pt(110) crae HEOMHODPINHOI Ta MICTUTH CTPYKTYD-
HO pizni obsacti 3 pizamm (1 X 2 gu 1 x 1) BIHO-
PAOKYBAHHSAM ATOMIB. 3ajIe’KHICTb IMOBIpHOCTI aJI-
copObIiil KUCHIO BiJ CTPYKTYypHHUX Moaudikariii mo-
BEPXHI CIIPUYMHSIE TPOCTOPOBO-YACOBI KOJIMBAHHS HA
IIOBEPXHI.

HociizkenHs HecTifiKocTeil y daci Ta mTpoCcToO-
pi Ha ocHOBI peaxkiiifiHo-audy3ifiHux wMozeseit Ta-
KHMX PEaKIliil jjoroMarae BUsiBUTU 3arajbHi BJIaCTUBO-
CTi JIOCUTH IHUPOKOI'0 KJIACY HEPIBHOBAXKHUX CHUCTEM
[11]. Bnaroun MexaHi3MyU BUHUKHEHHS Ta Py{HYBaHHsI
IIPOCTOPOBO-YACOBUX CTPYKTYP, BCTAHOBHUBIIU CIIOCO-
O KepyBaHHS HAMW, MOYKHA CTBOPUTHU HOBI IIEPCITEK-
TUBHI TpuTaan oOpobKu imdopmariii, po3podouTn Me-
TOJIM TABUIIEHHS e(PEeKTUBHOCTI B XiMiUHIi TpOMUC-
JIOBOCTI TOIIIO.

11t poboTa mpucBsiueHa BUBYEHHIO MeXaHI3My (op-
MYBaHHS TOBEPXHEBUX MIPOCTOPOBO-YACOBUX CTPYK-
TYp vy peakmiitHo-audy3iiimiit Momeai peakiiii OKuc-
JIeHHsI MOHOOKCHJIy ByTJelro Ha mosepxai Pt(110).
Amnajiis HectifikocTell y 9aci i IpocTopi cucreMu mpo-
BOJIMBCSI Ha OCHOBI MeETOJIiB JIiHITHOT Teopil cTiifKoc-
Ti Ta dnceJpHOTO MojemoBandd. [lokazano, mo npu
IIEBHUX IMapaMeTpax y CHUCTeMi JIICHO BUHHUKAIOTH
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CTPYKTYpH, iepeadadeHi JiHIITHIM aHATI30M Ta CXOXKIi
JI0 TUX, IO CIOCTEPITalOThCS B €KCIIEPUMEHTI.

2. ®opmyTIOBaHHA MOJeJIi
peakriii Ta aHaJ1i3 cTilfikocTi cucremu

PosriigaeMo Mosesib peakiiil KaTaJiTHIHOT'O OKHCJIEH-
Hsl MOHOOKCHJIY BYTVIEITIO, III0 BPAXOBYE IIPOIieC Iudy-
3i1 mostexys1 CO no nosepxui Pt(110), mis sikol xapak-
TEePHUMH € IIPOIECH PEKOHCTPYKIl moBepxHi. s
IIOI'O B CUCTEMY KiIHETHYHHX JU(EpPEHIiaIbHUX PiB-
HSHb, 10 OIMCYE JUHAMIYHY MOBeAiHKY Mozesi [12],
Oys10 BRJIOUEHO nudy3iitHnil TOMAHOK, SKUil BPaxo-
By€ udy3ii0 MOJIEKYJI MOHOOKCHJLY BYIVIEIIO IO IIO-
BepxHi KaTasizaropa [13]:

do
dio = DAOco + pcokcosco(l — 0Ly) —
— deco — kr900907
do
G = Posko(sg b TGP bna)) x ()

x (1= 0co — 00)* — krbcobo,

—1
i g (14 exp (Lo =0e0)|  _g,)).
dr ou

IlosicHeHHsT 1 BeJIMYMHU ITapaMerpiB, 10 BUKOPHUCTO-
BYBaJIUCS B TOJAJBINIAX PO3PaXyHKAX, HABEIEHO B
rabsuni (aus. [13]). Ilepme piBusuag (1) onucye 3wmi-
Hy Kimbkocti ajicopboaroro CO 3 BpaxyBaHHSAM Xi-
MigHOI peakriii 3 ajcopOOBaHUM KHUCHEM, JIeCOpOITil
CO 3 mecopbriitnoio koucrantoio d ta gaudysii CO.
Iepmmii nonaHoK y japyromy pissiHl (1) onmcye
JUCOIATUBHY aJICOPOITiI0 KUCHIO, a JAPYruii — 3MiHH,
gymoBJieHi peakiieto okucyienuas CO. Ocramue pis-
uanug (1) — e MogesbHe KiHeTHYHE DIBHSHHS, IO
OIIICYE TIEPETBOPEHHS IOBEPXHI HEPEKOHCTPYHOBAHOL

-1
€ He-

crpykrypu 1 X 1. OyHKITisA [1 + exp (%)]
cnaHoI MIajKo dyHKIieo oo Ha iHTepsadti [0, 1],
SKa, JO3BOJIAE OMUCATU TEPEXi]T BiJ PEKOHCTPYIOBa-
HOI TOBepxHi cTpyKTypu 1 X 2 j10 crpykrypu 1 X 1
3asiexkHO Bij Besmaumau mokputts CO. Y miit Moze-
JIi BPAXOBYEThCSI TAKOXK MEXaHI3M IPEKypPCcopa st
kineruku ajcopbmii CO uepe3 ekcrioHeHTY ¢ = 3y
npasiii gacruni nepioro pisasiaus (1). Ile poburs
MOJIEJIb OLIBIN PEATiCTUIHOIO, OCKIIbKU TPUTHII€HHS
agcopbuil g CO 1 Oy € acumerpudHuM — aacopbo-
Bauuit CO cuiibHinIe 6JI0Kye a1cOPOIiI0 KUCHIO.
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Cucrema (1) B 06e3p0o3MipeHUX 3MIHHHX Ma€ BUT-
LS

dé -

dio = Feo(0co,00) = DAco + Poo(1 — 030) —
—EQCO - 0C0007
do
Tf = Fo(0co,00,01x1) = Do, (1 + O1x1) %

2

x (1 —=0co —00)* — cobo, @)
dé

5:1 = Fi1x1(0co,01x1) =

_ —9 -1
= ks {1+6XP (Uoéuco)] —Oix1),

ne t = k.7 — GesposmipHa wacoa 3Mimma, D =
= D/k, — 6e3poamipunii koedinient mnudysii mose-
xy1 CO, Poo = pcokcosco/kr, Po, = po.koss >/
[kr, d =d/k., ks = ks/k, — obesposmipeni napamer-

pH, IO XApAKTEPU3YIOTh CHCTeMY, 50 = Sg° f1x1 +
+5652(1—0151) = 852 (1+01x1) y nprmymenHi, mo

aast Pt(110) syt /sy ~ 2.

Cucrema nudepeniiaibHux piBHMHD (2) i3 YacTuH-
HOIO IIOXi/THOIO B 3arajibHOMY BUIIQJKY He MOXKe OyTH
po3B’s3ana aHagiTudHO. ToMy aHaJi3 HecTiiKocTEeH
qaci 1 MpoCTOpi CHCTEMU IIPOBOJUBCSA HA OCHOBI Me-
TOJIB JIHINHOI Teopil CTIHKOCTI Ta YHCEJIHHOTO MO-
nemoBanns. Cucrema piBHgHb (2) y JiHiiHOMY Ha-

ITapamerpu monedi,
[0 BUKOPHMCTOBYBAJINCS IIPY YMCJIOBUX PO3paxyHKax

T 540 K Temmneparypa
PO, 9,75 - 10~ Topp ITuromuit Tuck Og2
kco | 4,2-10% ¢ 'Topp~! | Yacrora sirkmens CO

3 IIOBEPXHEIO
ko 7,8 -10% ¢ 1Topp~! | Yacrora sirkzens Os

3 ITOBEPXHEI0

d 10,21 ¢t HIsuaxicrs aecopbuii CO
D 107 em2¢? Isuakicts audysii CO
kr 2838 ¢~ L IIBuakicTs peaxiiil
SCo 1 Koediuient namunanus CO
séx 2 0,4 KoedinienT namunanus
KuCHIO y dasi 1 X 2
uQ 0,35 ITapamerpu cTpyKTypHOTO
ou 0,05 dazoBoro nepexoy
ks 1,61 ¢t [IBuakicTe dazoBoro

epexony
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ONMKEHHI JJTIsT BIIXWJIEHb Bil CTAIIOHAPHOTO CTAHY
§6;(r,t) = 0,(r,t) — 0; 5(r) mae BurIAz

d OF;
5700:(x,1) = ; (agj)ek_m 60;(r,t) +

i,j = C0,0,l x 1. (3)

+ DAGO;(x, 1),

CrilikicTh cucTeMu OyIeMO JIOCJI/KYBaTH METOI0M
HOPMAJIBHUX MOJI BIJIHOCHO IIEPIOJMYIHOrO B IIPOCTOPI
30ypents (HOPMAJILHOI MOJM) 3 JOBXKUHOIO XBHJI .
Jlns mporo pobmmo TigcTanoBKy 86;(r,t) ~ ewttikr,
ne k = 27 /A — XBWIbOBE YUCIIO, T4 OTPUMYEMO JIiHifi-
Hy CHCTEMY PiBHHAHD:

>

<8F1,> — 5}{:2(5(301(30 — wéij 59] = 0,
j 89] 0 =0p,s

i,j=C0,0,1x 1.

Ananiz crifikocTi BuMarae pos3B’sI3Ky CEKYJISIPHOIO
PiBHSHHHA

oF; —

det ( ) — Dkz(sco,co — wéij =0, (5)
995 ), o, .

3BiKM oTpuMyeMO piBHsHHS i w(k):

W+ b(k)w? + c(k)w + d(k) = 0, (6)

Jie BBEJIEHO TaKi IMO3HAYEHHS:

b(k) = ks + 3Pcobéo s + d + 0.5 + 2P0, X

x (1+61x1.5) (1 —0cos—00s) +0cos + Dk?

c(k) = (3Pcobios + d+ bos + DE?) x

x (ks + 2D, (14 O1x1,5) X

x (1 =0cos —bo,s) + Ocos) +

+ k5 (2P0, (1+61x1,5) (1 — bcos — bos) + b0co,s) —
—0co,s (2P0, (1 +01x1,5)(1 — bcos — Oos) + 0os),
d(k) = k5(3pcobéo s +d+ 0os + DE?) x

X (2P0, (1 4+ 01x1,5)(1 = Ocos — Oos) + bco,s) +

_k
+po2£900,5(1 —fcos —0os)* x

uo—0co,s
exp (7% , )

x 3

{1+ exp (022}
— ks0c0,5(2Po, (1 + 01x1,5)(1 — Bcos — 0o,s) + Oo.s)-
142

Posp’si3koM Ky6Giunoro pisHsiHHS (6) € w = w(k):

oth) = - 18) ¢ /B +
+'§/—q<k)— D(k)—@

2 3
Jie JJ1sl 3pYYHOCTI BBEJIEHO TTO3HAYEHHSI:
263 (k b(k)c(k
o(k) = (k) b(k)c( )+d(k)7
27 bZ(k) 3
plk) = (k) = 7,
2 3
¢’ (k) , p*(k)
D =
(k) 4 + 27

Mapamerp D(k) B 3araibHOMY BUIQJIKy MOXKe HaOy-
BaTU 9K JOJATHHUX, TaK 1 BiA'€MHUX 3HAYEHDL. ZKIIO
D(k) < 0, nim koperem Ky6i9HEM OYIEMO MATH KOMII-
JnekcHe qucyao. Kopiub KyOGidamit KOMIIJIEKCHOTO YHC-
na z =a+ bi:

2 2
Yz =3/ (cos P anm +3 nr + isin P enm +3 mr),
n=0,1,2.

b
|z| = Va? + b2, ¢ =arctg—.

a
Tonmi mucnmepciiine crmiBBigHOMIEHHST Oyae MicTHTH
miitcny 1 yasay wactumm, Tobro w(k) = Rew(k)+
+ilmw(k):

2v/ 1D (k)|

arctg —am
3
n=20,1,2. (7)

wn (k) = 24/ @ + |D(k)| cos

2nm . . 2nm b(k)
X |cos—— t+smm——| — ——,
3 3 3

Honanoxk Rew, (k) omucye criiikicts po3B’s3Ky
00cok(w), 900 k(w), 061x1k(w) Ta xapakrepusye
ITPOTIEC PeJTaKCAITil:

o[ arety “Vgrpy
Rew, (k) =2 S + |D(k)| cos + X

2nm b(k)
X COS T — T, (8)

rozi sk Imw, (k) 3a1ae 9acTOTY KOJIMBHOIO LPOLECY

2(k) arctgw
Imw, (k) =2 Y qT + |D(k)| cos fq(k)
2
x sin%. (9)
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3. UucenbHi po3B’sa3Ku
3.1. Odnopidna noseprHs
Cucrema € CTiifKor0, KOan

Rew(k) <0 gma Vk, (10)
TOOTO, KOJIM BCi HOPMAJIbHI MOJU EKCIIOHEHIITHO
3MEHIYIOTbC. Y BHIIQJKY, KOJIU X04a O s OJl-
Hi€el MOJM NpU IEBHOMY Kk BHKOHYETHCS HEPIBHICTD
Rew(k) > 0, T0 Bea cucrema cTae HECTIKOIO, OCKLIb-
KM aMIUIITyZa Bignosigaoro pyxy 36imbmryerbes. Ha
mromuHi napamerpis (Po,, Pco) yMosa (10) Busna-
vae obsacth crifikocti cucremu (puc. 1).

dx 6agumo 3 puc. 1, B MJIONINHI TUCKIB BUHUKAE
goTupu obsiacTi. B obyracTsx, mo3HaYeHUX Ha PUCYH-
Ky I, II ta IV, cucrema € criiikoro, OCKIJIBKU Bij-
xuyteHHsT Bif piBHOBarm B obsmactax I ta IV ekc-
MTOHEHIIIITHO 3MEeHIIYIoThCcA, a B obmacti II cmocre-
piratorbest 3aracatodi kKojuBanHg. Ob6jacte [ — 1e
006JIaCTh BUCOKOI KATAJITUYHOI aKTHUBHOCTi, Ha IIO-
BepxHi criocTepirarorbest agcopboBani mosekyau CO
Ta KHCEHb. 3a TAaKUX YMOB ICHY€ BeJMKa iMOBIp-
micth peaxil okucienus. Ob6sacrs 1V, HaBmakw,
XapaKTepPU3yEThCd HU3bKOIO KATAJITUYHOIO aKTUBHI-
CTIO, OCKLIIBKY IT€PEBAarKHO BCs IIOBEPXHs KaTaJli3a-
Topa BKpuTa ajcopboBanumu mosekysaamu CO. Imo-
BIpHICTH MPOXO/PKEHHsI PEaKIlii 3a TaKUX YMOB € JIy-
ke Hm3bKow. I[lpm Buxomi 3a mexki mmx obsacreit
onHa abo KiTbKa HOPMAaJbHUX MOJI CTAIOTh HECTIHKU-
MM 1 CHCTeMa CIIOHTAHHO IIOKHJIA€ ITOYATKOBUIl CTa-
mionapuuii cra (puc. 2). Ha miarpami crifikocti 11e
obstacts I11. IIpu 3miHi KOHTPOJIBHOTO TapaMerpa Oy-
JIEMO MATHU MEePEXOIN 3 OJHOTO PEXKUMY CTIHKOCTI 10
iHTIIOTO.

Ha puc. 3 300pakeno 3ajexnicts mAiiicHOl YacTu-
HU JUCTIEpCiitHOTO criBBigHOMIEeHHS Re w Bix muTomo-
IO TUCKY Do AJIf PI3HUX 3HAYEHb XBUJIBOBUX UHCEII
k mpm 3mavenHi muTOMOro THCKy Po, = 0,107. Ba-
qnmo, Mo Rew > 0 mis xBmwiboBoro umciaa k = 0
B giamazoni Tuckis 0,056 < pcg < 0,063, a 1e ozHa-
4ae, [0 [IPU TAKUX ITapaMeTpax TUCKY CHUCTeMa BTpa-
gae crifikicTs. 3HavYeHHS THCKIB Doo = 0,056 Ta
Dco = 0,063, mo Binnosinarors Mexki obsacti criii-
KOCTi, € KpUTUIHUMU.

Ha puc. 4 306paxkeno aucnepciitai 3amexkuocti Re w
Ta Imw Big XBUIBOBOTO uHCIa k I 3HAYEHDL THUC-
KiB D, IO BiJIIOBIIAIOTH Pi3HMM obJlacTsIM Ha Jii-
arpaMi CTIfKOCTi, HaBeJleHil Ha puc. 1, Ipu craaux
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Puc. 1. [diarpama crifikocTi cucremu B momuHi TCKIB (Do 20
Pco)- llrpuxosana Jinis 3agaerbes ymoBoo Rew = 0. I'pa-
HUYHUN UKJ peajisdyerbcsa B obuacti 111

0,9
0,8
0,7
0,6
0,5

04

UCO’ ()O’ 01><1

0,34

0,24

0,14

0,0

Puc. 2. CranionapHuii cTal cucTeMu sIK GYHKIS THCKY Poo -
IIpu 3Hadenni tucky pco = 0,0624 B cucremi BinOyBaeThCs
KiHeTH4YHMIT (Ha30BUil Iepexis MepIIoro poay 3 PeaKTUBHOIO
0 HEaKTHBHOI'O CTaHYy

0,005

0,000

-0,005

Re w

0,010

0,015

k=1

-0,020 -

Puc. 3. 3ajexHicTb AIHCHOI YaCTUHU JUCIIEPCIHOTO CHIBBII-
HOIIeHHsI Rew Bij mumToMoro THCKy poo A Pi3HHX 3HAYEHD
XBHJILOBUX 4duCes k
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Puc. 4. Hucnepciitai sanexuocti apiiicaol Rew (cyminbra -
Hist) Ta yasBaol Imw/10 (wrpuxoBana JiHisg) YacTUH Bix XBH-
JIBOBOTO BekTOpa k mpu tuckax pco = 0,048 (obmacts I),
Pco = 0,053 (II) Ta poo = 0,06 (III) Bigmosinmo. ITmromwmii
THCK KHCHIO D, = 0,107 B ycix Bumagkax
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3HAYEHHSX PEIITH [apaMeTpiB cucremu. B obsac-
tsax 1 Ta IV nosexninka Rew(k) ta Imw(k) € moxni6-
HOIO, YsIBHA YaCTUHA JIUCIEPCIITHOTO CITiBBIJIHOIITEHHS
Imw = 0 upu 6yab-IKUX 3HAYEHHSIX XBUJIBOBOI'O YLC-
sa k, miiicna yactuaa Rew < 0 myua Vk. Tomy nHa
puc. 4 HaBeIeHO pe3yJsibTaTh Juiie jist obsacreit 1, 11
ta III.

B obmacrax I, I ra IV cucrema € cTiitkor0, OCKLIBKHI
Rew < 0 gna Bcix k. B obmacri III cucrema Brpagae
cTifikicTh, ockinbku pu kg = 0 Rew > 0. Tax, npn
THCKY Pco = 0,06 y cucremi 31 cTanionapHOIO TOYKOIO
(Oco = 0,359, 0o = 0,123, 01«1 = 0,545) peasnizyers-
csa cuenapiit 6ibypxkanii Xonda 3 Imw(kqg) = 0,419,
Rew(ko) = 0,0033, e ko = 0.

fx simomo [14], mecriiikicts Xonda € JIOKaIb-
HOIO JIMHAMIYHOIO HECTIMKICTIO, 10 BUHUKAE Yy He-
JIHIMHIA cucTeMi 3 KUJIBKOMa YacCOBUMH IITKAJIAMU,
i norpebye BukoHaHHs Takux ymoB: Imw(kg) > 0,
Rew(ky) > 0, me kg = 0. Y dbaszosomy npocropi
CHCTEMU BOHA, BUKJIMKAE IOsIBY HOBOI'O aTPaKTOpa —
IPAHUYIHOrO NUKJY (3aMKHeHOI opbGitu) [15]. Ik pe-
3yabTaT 6ipypkarii Xormda, €BOJIOIisT CHCTEMH Bij-
OyBaeTbcsd 3a CTAHAMHU I'PAHUIHOIO LUKJY (ABTOKO-
JIMBAHHS).

Y 1npoMy BHIAJIKY CTIfKiCTh CHCTEMH BiTHOCHO T'O-
MOTeHHUX (IYKTyallifi 30epira€Tbes, OCKIIbKUA TpU
HYJIbOBOMY XBHJIBOBOMY YHCJI CEKYJISIpDHE DiBHSIHHSI
(5) mepexoauTh y pIBHAHHS BiIIIOBIIHOI TOMOIEHHOT
peakmii. ToMy BU3HAYNTH, YU MOXKJIUBI B CHCTEMIi aB-
TOKOJINBAHHS, MOYXKHA aHAJIITHIHUM IIJISXOM, BPaxo-
BYIOYM iCHYBaHHS PI3HUX ITKaJI YaciB JJIs OIHCY pe-
sakcanil y cucremi [16, 17]. Hpunycrumo, mo Gco (t),
0o(t) — mBunko pesakcyroui 3uminHi, 01x1(t) — 1O-
BiJIbHA 3MiHHA, TOJI B Jlialta3oHi 4aciB t < 71, 7o K
T3, Je T1, Te Ta T3 — 4dacu pesakcaiil misg Ocoo(t),
0o(t) Ta 61x1(t), Bimnosimao, 3mina 61x1(t) € ma-
goro Benmunuow, dfy1/dt &~ 0. Y Takomy mpuiy-
MeHHi

—1
%:E5 [1+exp(uo—900>} — 11| ~0,

dt ou
(11)
3BiIKT
1
O1x1 ~ (12)

1+ exp (%) '

[Mincrasusum orpumane cuissiguomenus (12) y npy-
re piBHsIHHSI (2), OTPUMAEMO CUCTEMY JBOX eDeKTHB-
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il lIII“’ |||‘|||||||
g lll

co

Puc. 5. AprokosuBanHs TOKpUTTIB Oco, 00 Ta moBepxHeBOi reomeTpii 81y 1 pu TUCKY poo = 0,06. Pasosa TpaekTOpis cucremu,

10 nepebyBa€e B aBTOKOJIMBHOMY DEXKHMi, Ipu TUCKY Doo = 0,06

HUX PIBHAHDb XiMIYHOI KIHETUKY JIJIS BEJIMIUH TOKPUT-

Td QCO (t), go(t)i

do
€0 — Foo(Boo, 00) = Peo (1 ~ o)
—dbco — bcobo,
do
OT? = Fo(fco,bo) = (13)

=0, (1+ [+ exp (5029)] ) «
x(1 = 0co — 00)* — cobo.

B zarampnomy BUIIAJIKY JJIsi CHCTEMH JIBOX aB-

= F(l)(Xth) X2 =

TOHOMHUX PIiBHSHD X,
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= F®(X,,X,) cramjonapua TOYKA, SKA MOPOIZKYE
TPAHUYHUI [IUKJI, CTA€ HeCTiitkoo mpu yMmoBi Re @ <
< 0, ne Re® — ngiiicaa vacruna nokasHuka Dioxe.
B pesynbrari ymMoBa BUHUKHEHHS TPAHUTHOIO TTHAKITY
SaHI/ICyGTbCH y Burisni [16]:

1 1 2 2
Red = 3 (Fl(l% F1(2%) + ( 2(2% F1(1%) <0, (14)
ze
93 F (%)
F«i&ﬁ)v = 53y Av.av o o, 3,7:0 = 1, 2.
¥ lx=xs

VY mamomy Bunazky saecku Big Foo(0co, 0o) (Tu-
y F, 1(1%) MOXKYTh BUHUKaTH, aKIO Fco(co, 0o ) Oyue
MicTUTH HEJHIAHICTD TPeTHOro (Y BUIIOIO) IIOPSI-

Ky. Buecku Bin Fo(6co,00) (Tummy Fl(f%) 3’ ABJIAIOTHCS
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0.36 0.124 1
0.359 0123 0.8
2038 Zo.122 g0°
t=20 Q l<ha T
©0.357 ~ 04
121
0.356 0 0.2
0.358% 0.5 1 0-1% 0.5 1 % 0.5 1
X X X
0.38 0.16 1
0.8
0.37 0.14
X = <06
t =100 8 5 o
0.36 0.12 ’
0.2
035 0.5 1 01 0.5 1 % 0.5 1
X X X
0.345 0.145 0.8
0.344 0.14 0.7,
3 = =
t = 500 8 /\ &o.135 £ 06
0.343
0.13 0.5
0.342 . !
0 0.5 1 0125 05 1 04 0.5 1
X X X
0.649 0.034 }
0.649
0.033 0.95
0649 2 =
t = 3000 Q o] r 09
O 0.649 £
0.032
0.649 085
0.64% 0.5 1 0.081; 05 1 08 0.5 1
X X X

Puc. 6. HacoBa eBOJIIOIlisI IPOCTOPOBUX PO3LO/i/IIB TOKpUTTIB OO, f0 Ta 1nmoBepxHeBol reomerpii 01 x 1

3a paxyHOK HejiHifinol 3anexuocti 0151 = f(0co)-
Mg cucremu piBagnb (13) yMoBa BUHUKHEHHS I'Da-
HUYHOTO IAKJTy MATUME BHTJISLI:

_ uw—bco

_ p02 exp ( ou )

73])00 + ou up—0¢ 2 %
(1+ oxp (5220

S
X <_51u tanh (UO;&GLCO> (1—08c—6%) + 2) < 0.
(15)
Ha ocnoBi Teopii Xormda MOXKHA BCTAHOBUTH 3a-
JIEXKHICTD TEPioly TPAHWUIHOTO THUKJIY, IO BiJIMOBIi-
Ja€ CTIHKIM aBTOKOJIMBAHHSAM JIMHAMIYHUX 3MIHHUX Y

crucTeMi, Bif 30BHIMHBOTO mapamerpa. [lepiom ocru-
asit T = 27 /Imw(ko), ne ko — HyJIbOBe XBHJIBOBE
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qncao. g cucremu, Mo poO3TIIAIAETHCS, TIEPIoJT KO-
JIMBaHb €

T:w((’/qQ(fO) +|D(ko)| x

1 2/|D(k !
X cos | - arctg M X sin 27T> .
3 q(ko) 3

ABrokosmBanHs TOKPUTTIB Oco, 6o Ta moBepxHe-
BOI reomeTpil 01«1, & TakoK BiamosigHa ¢asoBa Tpa-
€KTOpis cmcreMu 300parkeHi Ha puc. . Ak Gaunmo,
daz0Ba TPAEKTOPisT HAKPYIYETHCS Ha 3aMKHYTY KPH-
BY — I'PAHUYHUHN UK, TOOTO CepeJiHi BEJUIUHE I10-
KPHUTTS aJ1copbaTy Ta 9acTKH MoBepxHi 1 X 1 3a3HaI0ThH

MEePIOANTHNX KOJMBAHbD, IO € pe3yabTaroM Oidypra-
il Xomda.
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3.2. Heodnopidna nosepxrHs

st pocstiizKenHsT HeOJHOPiIHOCTe Ha MOBEpXHi
PO3IISTHEMO B OJHOBUMIPHOMY BHUIAQJIKY ITOBEPXHIO
Pt(110) 3 poamipom L, = 1 MKM 3 pi3HUME [IOBEPXHE-
BUMH (paszaMu — peKoHcTpyitoBamoo ¢a3on 1 X 2 1mo
IEHTPY Ta HepeKoHCTpyioBanomo ¢a3oio 1 X 1 mo Kpa-
ax. [lepiognyani rpanuvHi yMOBHU 33/1aBAJINCH TAKUMU,
II0 BiJIITOBIJIAIOTH BUIIAJIKY BiJICYTHOCTI IIOTOKY Yepe3
rpanumi inTepBasy 0 < x < 1. [louaTkosi ymoBu 0Oy-
JIM 3aJaHl JIOKAJbHUM 30ypeHHSM y IEHTPI Biapizka
3a JUHAMIYHOIO 3MIHHOIO 6141 [7]:

1, <0,3tax>0,7,

bal@t=0=90" 13 s cor

(16)

Bcei immi Toukm mpocTOpy 3HAXOAMINCST B CTAIlio-
napuoMmy crtami. [lapamerpu peakmil Tta mudy3sii Bu-
OMpaJInCh TAKUMM, IO BIJIIOBIAIOTH ABTOKOJIMB-
Homy pexwumy. lle osmauae, 1mo kogum 6 ycd TO-
BepXHS MJKIAIKNA MaJia OJHOPITHY CTPYKTYPY, TO
9acoBa IOBEIHKA CHCTEMU XapaKTepusyBajacs O
OJTHOPITHUMU TEPIOIUIHUMA KOJIMBAHHAMU ITOKPHUT-
TiB Oco(x,t) = bco(t), fo(x,t) = 0o(t) Ta vacTKH
nosepxui 01x1(x,t) = 01x1(t) Tax, gx 1e 300pazkeHo
Ha puc. 5. Y BHUIAAKY, KOJIU PEKOHCTpyiioBaHa (ha-
3a 1 X 2 3HaXOJIUTHCSA BCEPEJINHI HEPEKOHCTPYHOBAHOT
dasu 1 X 1, rpaJieHT MOKPUTTS TOBEPXHI MOOJU3Y
posuiny da3 1 x 2/1 X 1 npusBoauTh J0 IEpexoiLy
B HeomHOpimumit cran. Ha puc. 6 HaBegeHO YacoBYy
€BOJIIOIIO MMPOCTOPOBUX PO3IOMIIIB MOKPUTTIB fco,
0o Ta moBepxHeBOi reoMeTpil f1x1; B MOMEHTH Yacy
t =0, 100, 500, 3000. CriocTepiraéMo pO3BHTOK HOBO-
I'0 HEOJHOPITHOTO IIOBEPXHEBOT'O cTaHy. B oMy cra-
Hi MaeMO cJ1abKy 3aJIe2KHICTDh ITPOCTOPOBOTO PO3IIO/Ti-
JIy TIOKPUTTS OO BiI CTPYKTYpH TIOBEPXHI, KA BHPa-
KaeTbed y HopMi Tika B MEHTPI 3pa3Ka, ajge 3 9acoM
cTa€ MpakTUIHO HermoMiTHOIO. [lokpuTTs amcopboBa-
HOI'O KHCHIO € YYTJIUBINIAM JI0 CTPYKTYPHU ITOBEPXHI
B IIOYATKOBHUII MOMEHT i 3 IJINHOM Yacy Ha IMOBEPXHi
BCTAHOBJIIOETHCS HEOTHOPLTHIIT PO3MO/IIJI KUCHIO, IO
Ma€ KOJIMBHUIT xapakrep. Ha mouaTrkoBux eramax ga-
coBol eBosmonii KoymBaHHs O (x) diTKime BuUpakeHi
110 IIEHTPY 3Pa3Ka, 3 IJINHOM Yacy BOHU HONIAPIOIOTH-
cst o Beiit moBepxHi. CTpyKTypa IMOBEPXHI 3 9acoM
TeXK 3AJIMINAETHCS HEOTHOPITHOIO 3 YiTKO BHPAaKEHIM
KOJINBHUM IIPOCTOPOBHUM PO3IOMIITIOM.

[TosiBa TPOCTOPOBUX HEOMHOPITHOCTEI TPU3BOIUTH
1o nedopmMarii xBusiboBoro ¢dpouty. Ha puc. 7 300-
pPa’XeHO ABTOKOJMBHUN DPEXKHUM CUCTEMU IIPU TUCKY
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Puc. 7. AsrokonuBanns BeauduH nokputtsa 0co, 0o Ta 01x1
npu TUCKY poo = 0,06, HaBeneni y BHIVIAZI KOHTYPHOTO
rpadika

147



1.C. Bsoscvka, I.M. Mpueaod

Dco = 0,06 y Bursiai kontypHOro rpadika. ABTOKO-
JIMBAHHSI CUCTEMHU BiTOOPaXKaIOThCA TYT AK 3MiHa KO-
abopy (inrencusHocti) ix ¢dony. Baunmo BunukHeHHS
[IPOCTOPOBO-YACOBUX CTPYKTYD, HE3HAYHUX JIJIsl Be-
JINYUHU TOKPUTTS € Ta SICKpaBO BUPAXKEHWX IIJIsi
qacTKH TOBepxHi #1x1. Posmomin Oco € mpakTwaHo
OIHOPITHUM Y TIPOCTOPI Ta He3aJeKHUM BiJl TeOMeT-
pil moBepxHi.

4. BucHoBku

IIpu Bpaxysanni mporeciB audy3ii MOJIEKYJ MOHO-
KCHUJIy BYTJIEIIO IO TIOBEPXHI KaTajizaTopa OTpUMa-
HO JIUCIIEPCIHE CHIBBITHOIIEHH, IO MICTUTD JIICHY
i yaBHY YaCTHHHU. YsIBHA YAaCTUHA BiIIOBi/aEe 3a KO-
JIUBHI PO3B’SI3KN, JiCHA OMUCYE CTIHKICTH PO3B’SI3KY
Ta BIJIIIOBiJIa€e 3a pesaKcariiio.

BusBieno xonmBHUI peXUM THUIY T'DAHUIHOTO
UKy 9K pe3yabraT Oidypkarii Xomda y By3bKiii
obstacti az3oBoi giarpaMu MixK JBOMa, OJHOPITHUMU
CTIMKMMM CTAHAMU BUCOKOI 1 HM3BKOI KaTaJITHYHOL
AKTUBHOCTI Ta 3HANIEHO TEPioJ CTINKUX ABTOKOJIV-
BaHb JUHAMIYHUX 3MIHHUX CHUCTEMHU.

st mocTiiKeHHsT HEeOAHOPIAHOCTE Ha TOBEPXHI
PO3IIIAHYTO OnHOBUMIpHY noBepxHio Pt(110) 3 pizuu-
MU TTOBEPXHEBUMHU (ha3aMu — PEKOHCTPYiioBaHoio (ha-
3010 1 X 2 110 TIEHTPY 3pa3Ka Ta HEPEKOHCTPYHOBAHOIO
dazoro 1 x 1 o kpastx. BusiBiieno mpocTopoBo-4acosi
CTPYKTYpHU, HE3HAYH] [IJIsI BEJIMIUHU ITOKPUTTH Ho Ta
SICKPABO BUPaXKEH1 /I YaCTKM IOBepxHi 011. Pos-
ot Oco € MaiixkKe OJHOPIJIHMM y IIPOCTOPI Ta He3a-
JIEZKHUM BiJT reoMeTpil MOBEPXHi.
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[IOBEPXHOCTHBIE CTPYKTYPEI
B KATAJIMTUYECKOI PEAKLINY OKNCJIEHUST
MOHOOKCH/IA YIJIEPOJIA

Peszmowme

Pa60Ta IIOCBAIIEHA UCCJICJOBAHUIO MEXaHU3Ma BOSHUKHOBEHUA
IIOBEPXHOCTHBIX IIPOCTPAHCTBEHHO-BPEMEHHBIX CTPYKTYP IIpH
NPOTEeKaHUH KaTaJIUTHUYeCKOH peaKIUM OKHCJICHUsS MOHOOKCH-
na yriepoga Ha nosepxuoctu Pt(110), koTopas MoxeT cojep-
2KaTh CTPYKTYPHO pa3Hble y4acTKH, obpasytomuecs: npu CO-
WH/YIIUPOBAHHOM IIEPEXOEe OT PEKOHCTPYUPOBaHHON 1 X 2 da-
3bI K 06beMuOoi 1 X 1 paze. Ananus HeycToRIuBOCTER BO BpeMe-
HM U IPOCTPAHCTBE CUCTEMbI IIPOBE/ICH Ha OCHOBE METO/OB JIM-
HeIfHOI TeopHuM YyCTOHYMBOCTU M UHCJIEHHOI'O MOJE/JIUPOBAHULA.
ITokazano, 4TO Ha HEOSHOPOIHOH IOBEPXHOCTHU IIPH OIIpEJle-
JIEHHBIX ITapaMeTpaxX B CUCTE€Me BO3HHUKAIOT IIPOCTPAHCTBEHHO-
BPEMEHHbIE IIOBEPXHOCTHBIE CTPYKTYPBbI 18 TOKPbITUA KUCJIO-
POZOM | JIOJIM TTIOBEPXHOCTH CTPYKTYPHhI 1 X 1. Pacupenenenne
IIOKPBITHUA MOHOOKCHUJIOM YyIJIEPOJa IIOYTHU OJHOPOJHOE B IIPO-
CTPaHCTBE M HE3aBUCUMOE OT T'€OMETPUU ITOBEPXHOCTH.

1.S. Bzovska, 1.M. Mryglod

SURFACE PATTERNS IN CATALYTIC
CARBON MONOXIDE OXIDATION REACTION

Summary

The mechanism of spatio-temporal pattern formation at the
catalytic oxidation of carbon monoxide on the Pt(110) surface
has been studied. The surface may contain structurally differ-
ent areas, which are formed in the course of the CO-induced
transition from the reconstructed 1 x 2 phase to the 1 x 1
(bulk) one. Temporal and spatial instabilities in the system
are analyzed, by using the methods of the linear theory of sta-
bility and numerical simulations. Fragments of spatio-temporal
structures of the oxygen coverage together with fragments of
the surface 1 x 1 structure are shown to emerge on the inhomo-
geneous surface at certain system parameters. The distribution
of the carbon monoxide coverage is found to be almost homo-
geneous in space and independent of the surface geometry.

ISSN 2071-0194. Yxp. ¢iz. ocypn. 2016. T. 61, N 2



