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KineTnyHi kKosimBamHs y KaTadiTudHiil peakiiii okucjaenuss CO:
orJisia MozeJsiei

Mpurson I.M., Bsoscbka 1.C.

Amnoranis. ITogano orysia pobiT, SIKi CTOCYIOTHCS MOIETIOBAHHS KiHe-
TUYHUX KOJIMBAHb B KATAJITUYIHINA PEAKIll OKMCJIEHHST MOHOOKCHLY BYT-
Jiertio Ha moBepxHi Metasty Pt. PosrysgiyTo rosioBHI MexaHi3Mu X BUHUK-
HEHHsI — PEKOHCTPYKIIid ITIOBEPXHI KaTasi3aTopa, Ba>K/IUBa IIPU HU3bKUX
TUCKAX, TVIO0AJIbHA B3aEMO/Iis i3 ra30B0I0 (ha3010 y MOETHAHHI 3 HEKOJIUB-
HOIO TTOBEPXHEBOIO KIHETUKOIO, & TAKOXK 0OMEKeHHIMI Audy3il y ra3oBiit
da3si, ska JOMIHYE IPU BUCOKUX THCKAX.

Kinetic oscillations in the catalytic CO oxidation: a review of
models

Mryglod I.M., Bzovska I.S.

Abstract. A survey of publications on simulations of the kinetic oscil-
lations in the catalytic CO oxidation on Pt catalysts is given. The main
mechanisms of their emergence, namely surface reconstruction of cata-
lysts, important at low pressures, global coupling through the gas phase
together with the nonoscillatory surface kinetics, and also with diffu-
sion limitations in the gas phase, which dominates at high pressures, are
considered.
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1. Bcryn

B ocranni pokn posnodasimcs mayKe aKTUBHI JIOCTI/IKEHHS MEXaHI3MIiB
BUHUKHEHHSI XiMi9HMX KOJIMBAHb y rereporenHomy kataJizi. I1i peaxrril
MIPEICTAB/ISIOTH CODOI0 CHCTEMHU, JAJIEKi Bij TepMOAMHAMITHOI piBHOBA-
I'd, 1 MOYXKYTb IPOSABJISATH CKJIQIHI KOJUBAHHS, TPOCTOPOBO-IaCOBI CTPYK-
TypH 9 HaBITH XaoC.

Cepes yCix TeT€pOreHHUX KATAJITUIHIX CUCTEM OCOD/IMBA yBara mpu-
JUTSAE€THCS KaTaJiTUIHOMY OKHUCJIEHHI MOHOOKCH/IY BYTJIEITIO HA TTOBEPXHI
mwiatunan. Ilig gac el peakuii kucenb i CO ajcopOyOThCs Ha IIOBEP-
xuto Pt. I[Ipu mocuth BuCOKHX TemIepaTypax i /i IeBHUX OpieHTaIriit
[MOBEPXHI BITHOCHO KpHUCTaJLy B 00’€Mi mMpuUCyTHICTBH ajcopbary Beme 0
3Mminu asu, To6TO 10 mepedymoBu aromiB Pt ma mosepxui. Konu kucens
i CO npopearyoTb, BUIISETbCS BYTJIEKUCIINIL Ta3, 1 IOBEPXHsI [TOBEPTa-
€TBhCsI 710 CBOET mOYaTKOBO1 KoHdiryparil. Ileit muky Moxke TpuBeCTH 10
KiIHETUIHUX KOJIMBAHb MOBEPXHEBOI (pas3u. FAKIMO B3aeMOIis MixK JTiIsTH-
KaMU 3 PI3HUMHU OBEPXHEBUME (ha3aMy Ha KPUCTAJI € TIBUIKOI MOPIB-
HSIHO 3 MIBUJIKICTIO KOJIMBAHD, TO BCsI OBEPXHsI OyJIe KOJMBATUCH B (Dasi.
I maBmaku, MoKe crocTepiraTuca 3ami3HeHHsa Mo (a3l B3IOBXK ITOBEPX-
Hi, [0 TPU3BOJUTH JIO MOSIBU IPOCTOPOBUX CTPYKTYP. € JiBa OCHOBHHX
[IPOCTOPOBUX MexXaHi3mu B3aemo/il: audy3is CO B3710BK MOBEPXHI, BarK-
JINBa TIPU HU3bKUX THUCKAX, 1 TVI0OAJIbHA B3a€MO/Iisi 3 ra30Bo (a3oro,
sIKa JOMIHY€ IpU BUCOKUX TUCKaX. OpieHTaIlis TOBEPXHI Ma€ BUPIIIAIb-
Huii BIuB Ha GOpMyBaHHs CTPYKTYD: Jjist opientaril (111) nemae 3minu
oBepxHeBol (a3’ i, 0TKe, HEe BUHUKAIOTHL HEOIHOPIIHI CTPYKTYpH, Ha,
Pt(110) MoKy Th BUHUKATH KJIacu4Hi cripadi, Toai sik Ha Pt(100) crpyk-
TYPH € TUIIOBO HEperyssipHuMu [1,2].

ExcrepumvenTtasabai mocsimkenns: mokazasu, mo npu okuciaenni CO
uwa nosexui Pt(100) aromu Mmerasy MOxKyTh (GHOPMYyBaTH IBI OCHOBHI
crpykTypu: dhasy 1 x 11 kBasirekcaronasbuy dasy. Paza 1 x 1 € metacta-
OiTbHOIO y TOPIBHAHHI 3 OCTAHHBOIO, sIK& € MILIHLHO yIaKoBaHOW. Kpim
Toro, ¢gaza 1 X 1 MoxKe BUHHUKATH 3aB/Isiku xeMocopbuil mostekyst CO 3 ra-
30801 ¢azu. 3 iHMIOro 6OKY, eKCIIEPUMEHTABHI PE3yJIbTATH TOKA3YIOTh,
o koedirienT npunnants kucHio Og Ha daldy 1 X 1 € 3Ha9HO OlabIINM,
HiXK Ha TeKcaroHabHy hasy (51x1/Shex ~ 10%). Baaemoxia mux daxro-
piB Biairpae BaxkimBy posb y GOpMyBaHHI 9aCOBUX KOJMBAHb [3,4].

MexaHi3M BUHUKHEHHsI KOJMBaHb Ha 1moBepxHi Pt(110) npu HE3BKHX
tuckax € noaibanm o Pt(100). Yuncra nosepxus Pt(110) € pekoHcTpy-
ffoBana i sBysie coboto cTpykrypy 1 X 2. Ak i muga Pt(100), agcopbosani
mostekyau CO moBepTaroTh MOBEPXHIO 10 00’ €MHOT KOHMIryparii — CTpyK-
Typu 1 X 1, gxmio Beamanna nokputtss CO mepeBuIlye meBHe KpUTHIHE
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3HAYEHHsI. 3aJIEXKHICTh IMOBIPHOCTI aJ1cOpOIil KUCHIO Bill CTPYKTYPHUX
momudikaliif CIpruInHIOE KIHETHYHI KOJMBaHHS Ha TMOBEpXHI [5].

Hactynui po3miu npucssdeni 6ibI eTaabHOMY BUBUYEHHIO PI3HUX
MeXaHi3MIB BUHHUKHEHHSI KIHETUYHUX KOJIMBAHb y PEaKIlil KaTaJiTUuIHO-
ro okucyentst CO Ha moBepxHi Merasy. B ocramaboMy po3zini momaHo
KOPOTKi BUCHOBKH.

2. Haitnpocriima Mmoaesib XiMivHOT KiHETUKH

B ocranni poku 0ys0 3amporoHoBaHo 6araTo Mojesaeil, NpuIaTHAX, 30-
KpeMa, JIj1si BUBYEHHsI KOJIMBHOI ITOBEJIHKHN Yy I'€TEPOreHHUX KaTaJJiTH4-
Hux cucremax. [IpoanasizyemMo crodaTKy HANIIPOCTINNN BapiaHT TaKol
mozedi [3]. Bizomo, mo mexanizm Jlanrmiopa-Linimensyia € JoMiHyl091M
JJTsT PEAKITil OKUCIEHHST MOHOOKCH Ty Byruiento. OCHOBHUMU eTalaMu €

03 4 2V — 20(a), (1)
CO 4+ V = CO(a), (2)
CO(a) + O(a) — COs + 2V, (3)

ne V o3mavae mycTuil akKTUBHUI BY30J Ha KaTaJITHIHIN moBepxHi. Jle-
copOIligd KUCHIO HE BPAXOBYEThCH, 60 € MaiizKe HEMOXKJIMBOIO B TeMIIEPa-
TYPHHUX YMOBaX €KCIIEDUMEHTY.

Tomi KiHeTHIH] OCITUIAIT MOXKYTh BUHUKATHU K PE3YJIHTAT PEKOHCT-
pykuii nosepxui. Yucra nosepxus Pt(100) mae kBazirekcaronajabHe po3-
TaIlyBaHHs ATOMIB Yy BEDXHBOMY IIIapi, a 3HaUHE JIoKaJbHe moKpuTTs CO
noBepTae ctpykTypy 1 x 1. Ii aBi pisui da3u maoTs pisni ajcopOriitai
BJIACTUBOCTI, HAIIPUKJIA/I, IMOBIPHICTD JIJII MOJIEKYJIN KHUCHIO OCICTH HA
noBepxHIO € mpudau3Ho 0.1 i crpykTypu 1 X 1, Tomi K Jij1st TeKcaro-
HasbHOT bazu (hex) s iMoBipHicTs € myzxe Mamomo (107%). [ounmatoun
3 reKcaroHaJIbHOI (asu, KoedilieHT ocilanns KUCHIO Ha IIOBEPXHIO SO,
cTae MaJjimM, 1 MBUIKICTh peakii Oyne Hu3bKow. KoHIeHTpalis aicop-
6oBanoro CO 30LIBILYETHCH 1, JOCATHYBIIA KPUTUYHOT BEJIMIMHY, 1HIIli-
o€ mepexin hex — 1 x 1. /s 1iel moBepxHeBOI CTPYKTYPH aIcopOITist
KICHIO Ma€ BUCOKY IMOBIpHICTD, 1 acopboBaHi aTOMI KUCHIO OYIyTh B3a-
emogisitu 3 cycimaivu mosiekysmamu CO i yrBoproBatu COs. IlokpurTst
CO, agcopboBanux Ha 1 X 1 moBepxHi, Oyze criagaT 10 KPUTUIHOI BEJIU-
YUHU, 1 CTPYKTYpa IIOBEPXHI 3HOBY II€PEXOJUTH Y MeKcaroHajabHy a3y,
THM CAMHUM I[TOYMHAETHCS HOBHUil 1ukJ. Hexait 0141 — 1e g0 moBepx-
Hi 3 KoHirypamieto 1 X 1, 1 — #1471 onucye, BianosiaHo, BKja Big hex
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KoHMirypariii, #; — 9acTKa BUMIAJKOBO PO3IOIIIEHUX IHEPTHUX BY3JIiB, a
0o i 0co — mokpurtst O i CO, BignmosigHo. YacTka BAKAHTHUX AKTHUB-
Hux By3u1iB [S] = 1 — 64 — 6co — Oo. Tlpunyckaernest, mo mycTi By3am
€ B 060x dazax. Maemo ymosy [STI] = 01,1[S], [ST] = (1 — 01x1)[S],
[S] = [S1] + [S*H]. Taaexc 11 BimrocuTbes mo dasu 1 x 1, I — 1o rexcaro-
HaJbHOI (a3u.

PiBugnns misa KineTuku 3MiHN TOBEPXHEBOTO MMOKPUTTS, IO BiTOBI-
nae eramaM (1)—(3), MaoTh BATIIsI

do

d—to =ko(1 — 04— 0co — 00)* — k.0cobo, (4)

dbco
dt

=kco(l —0q—0co —b0) — k-0cobo — kabco. (5)

Tepmmit momanok y piBusuui (4) onucye ajucopbuio KucHO B 060x da-
3ax, a Apyruil mogaHok — peaxiito okucaents CO. Pisusaus (5) omnn-
cye 3MiHy Kijgbkocti ajcopboBanux Mosekysa CO 3a paxyHOK XiMigHOT
peakuii 3 ajcopboBanuM KucHeM i Bpaxosye zgecopbuito CO (3 mecop6-
uifinoo koucranrow kq). Koncranra ancopbuii CO € ogHakoBo0 B 060X
dazax i mo3HaIAETHCA koo. BBaXKaeThes, 1o KOHCTAHTa adcopOItil Kuc-
HIO € pi3HOI0 y pi3HuX (dazax: ké — KOHCTaHTa aJcopOItii Ha YUCTiHl 1mo-
BepxHi (rexcaronasnbha dasa) i k5 — xoncranta ajcopbuii s dasu
1 x 1. EdexTuBHa KOHCTAHTA aICOPOIIIT 3aJI€2KUTH BiJl CIiBBiIHOIICHHST
Mixk pisuumu dazamu 1 Moxke Bubuparucs y Burisaii kombinamii [3]:

ko = 03, kH + k51 = 60151)% (6)

Ocnmiisniil, siKi BUHUKAOTh BHACJIIIOK IIEPEXOJY IIOBEPXHEBOI (ha3u

N : : maxr i Hmin max
1 x 1 = hex, 3asexarp Bin aBox mapamerpis 0348" i 045", ne 0557 —
KpurudHa MiHiMasibHa KoHIeHTparis CO, nHeoOxigHa /jIst IepeTBOPEHHST
hex — 1 x 1. fdxmo mokpurta CO Bmamo mHmkue 074, To Iie € Kpu-
TUYHa BeqmduHa Jjs nepexoay 1 X 1 — hex. Kinerutune piBHsaHHS 118

MOBEPXHEBOTO [IEPETBOPEHHsI MOYKHA 3AIMCATH Y BULJISA [3]:

dfix1 _ ) kg(1—ba—01x1), sxkmo boo = 058", (7)
dt —ks01x1, akmo  Oco < 055

IIpu npomy mBuaKOCTI kg i ks € JOMATKOBUME TapaMeTPaMy MOJET.
Ha Puc.1 306pazkena eBoJIIOIisI CTAIIOHAPHUX CTaHiB 3 dacoMm. Bu-
6pano HacTymnHi napamerpu: 0 = 0, ko = 0.4, k. = 0.25, kg = 0.02,
kg = ks = 0.05 i worupu pisnux snadenus kco (pucyHok 3 poGoru [3]).




4 IIpenpunt

[Tounuaroun 3 YUCTOI MOBEPXHI 3 TEKCATOHAJIBHOI KOHMITyPAI€0, €BO-
JIIOIIisl TIOBEPXHEBOT'O IIOKPUTTS Bi/IOYBAETHCS HACTYITHUM YMHOM: &JICOD-
oyerbes BukjouHo CO, oCKiIbKY HEMAE CTPYKTYpH 61 %1, J1e 6 Mir ajicop-
OyBarucs Kucerb. CucreMa HabJIMXKAETHCS JI0 CTAIIIOHAPHOIO CTaHy. K-
mo kco € TOCUTE MaJie, TO CTaIlioHapHII CTaH BUHUKAE IpH Oco < 07547,
i asicopOriitao-mecopbiiiina pisaoBara CO y rekcaronajbHil dasi BcTa-
HOBJTIOETHCS PAHiIIe, Hi2K MTOYHE BiIOyBaTHCA TpaHC(OpMAaIlisi TOBEPXHi.
Tax, mst koo = 0.007 icye Jiniie ofauH cramionapuuii cran oo = 0.259,
sIKuii € HeocTaTHIM Juist Tparcdopmaril nosepxHi g0 dasu 1 x 1 (Puc.
la).

[ A (N RPN W LS S PRttt
0o 20 40 60 80
It

Puc. 1. Besmunun mokpurTs sk dyskuil Big gacy. Mawen (a)-(d) sin-
noBinaoTe BesuanaaMm koo = 0.007, 0.05, 0.10 i 0.12, Bigmosignro. Cyri-
JILHOIO JTiHi€0 no3HAueHO Hc o (t), TyHKTHpHOW — 0 (), MTPUXOBAHOIO —
Opex (t), ITPUX-TTyHKTUPHOIO — 0151 (1).

Axmo kco 36impmmTH TaK, Mo fco > OFE, TO NOBEPXHS IOYHE
rpaucdopmyBaTucs 10 1 X 1 koudiryparii. Komu 0o Bnage nuxuae 3a
KPUTHYHE 3HaUeHHs 075", TpaeKTOpist 3HOBY Oy/ie HaGIMKATUCS JI0 CTa-
6impHOTO By37a, ajde Ko mokpuTTsa CO mocarse sHadeHHd Oco = 0547,
TO 3HOBY MOYHYTBHCsI KOJIMBaHH:A. 30KpeMa, st koo = 0.05 (maness b)
MM 3HAXOIUMOCS BCEPEINHI KOJMBHOI obsiacti, 6iss JiBol rinku 6idyp-
kargiiinol miarpamu (Puc. 2). S3uauennst koo = 0.1 (manens ¢) € Bee 1me y
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KOJIMBHII 06J1acTi, ajie Byke OLIs TpaBol Tinku. AK 6avnMo, B OCTAHHBO-

My BUIIAJKY IEPiojl KoauBaHb crae Olibmum. AMiutniTyna CO mokpuTTs

KOJIMBAEThCA MK 044" 1 0747 B 000X BUIaIKAX.

0.8
ox
0.6 1

0.4 -

0.2 -

T T T L T 1
0.00 0.03 008 008 012 015 018 021

Puc. 2. Bibypkaniitna giarpama st Pt(100) npu pisHEX KOHIEHTPAIISIX
gomimok: g =0, 0.2, 0.4 ayst a, b i ¢, BigmosigHo.

Akmo koo crae HACTIIBKKM BeJIMKUM (B JAHOMY BHIAAKY kco =
0.12), mo TpaekTopis He nocsrae rpaHuni oo = 98%", TO CHUCTEMA TIepe-
OyBaTuMe B CTAIlOHAPDHOMY CTaHI — IpaTKa €BOJIOIIOHYE 10 1 X 1 crany,
o noka3ano Ha Puc. 1d. Curyaris € gay»Ke momiOHOIO, KON ITOBEPXHST
3abpyaHeHa JTOMIMTKAME.

IlincymoByr09Hn, MOXKHA 3a3HAYUTH, IO JJIsT TOTO, MOO CIIoCTepira-
TH KOJIMBHI CTaHu, HeoOXiTHO, 1100 TPAEKTOpis IeperuHaJa JiHil oo =

mar i oo = OnEr. Taknm aunom, (ko, kco) moaingeTses Ha TPH 06-
snacti. Ilepmra obacTh XapaKTepu3yeThCcss HU3LKUMH 3HAYCHHAMA koo,
TYT JOMiHYy€ ajcopbiiitHo-necopbmiitaa pisaoBara CO, MOBEpXHS € TeK-
caroHaJibHOW0 1 O = 0. Y apyriit obJacti jyist cepeHix 3Ha4YeHb koo €
XapaKTepHi KiHeTU4IHi ociusiii. ¥ Tperiit obsacTi icHye crartioHapHUit
craH, i TOBepxHsI peslakcye 10 ¢azu 1 X 1.
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3. PeakrmiitHo-nudy3iiiHa Moe/b

IMoxi6ro mo nonepemubol mozesi, y miil momesi [4] 3a ocuoBy B pe-
akiil karajituuHoro okwmcieHHs CO Geperbcst MexaHizm Jlanrmropa-
liamensya, jge pearyiodi pedoBHHU CHOYATKY ajcOpOYIOTHCS Ha I0-
BEPXHIO, a BXK€ TOTIM B3ae€MOIIOTH. PyHIAMEHTAJIHHOIO BJIACTUBICTIO
agcopbuii CO ma Pt(100) € rpancdopmariist cTabiabHOT reKCArOHAILHOT
noBepxHi Pt 1o crpykrypu 1 X 1. PeKOHCTpYKIlisi TOBEPXHI MOYNHAETH-
cs1, KOJIM KOHIeHTpariist ajicopboanoro CO mepeBuIye jesske KpUTHIHe
sHadenns 05, (05, ~ 0.05). B obuacri nosepxnesux noxkpurris CO, ne
0to < Oco < 0%, (0%, =~ 0.3), nosepxus mMicTurh cuibicHyoui dasn
1 x 1 i hex-reomerpii. Ocumsnii BUHUKAIOTh BHACJIIIOK IE€PETBOPEHHS
moBepxHi hex = 1 x 1.
Kineruka nokpurrst CO i kucuwo (co, 00):

00 0 "
€9 — pookeo (1 - % sco —ka-0co +DcolAbco
o beat
k. -0cobo,  (8)

900 bco 00 \* o peat
ot = po.koso 91x1(1 Best of)at> 005" —6o)

—ky-0cobo.  (9)

sat

kq i Dco — xoedimientu gecop6mii CO i qudysii, Binnosigno. 05, = 0.5,
950‘” = 0.3 — ne makcumasbhi 3aadenss ;g CO i O mokpurris. [lokazuuk
crenens: v > 1 momesioe Kinetuky ajcopbrii CO Tumy mnpekypcopa, i B
it Mojiesi BuOupaeThes r = 3.

s KiHeTHIHUX TPOTeciB Ha HEOIHOPIIHIM MOBEpXHi, MO MIiCTUTH
omaodacHO 1 X 1 i hex-ocTpismi, HeOOXiAHO BpaxoByBaTH, IO IIBUIKICTH
pOIIeCiB aIcopOILT/ mecopOIil Jyisi TOBEpXHI Pi3HOT reoMeTpii € pi3HOoIOo.
Tomy BBOISITH epekTuBHI Koedimientu npuiunanas CO i gecopbuii CO
HaCTYIIHUM YHHOM

sco = S%O(l —01x1) + Slcoelxla (10)
ka = k9(1 — 01x1) + k30151, (11)

e S%O, kg i slco, k(li — koedinienTn npuimnanss i gecopbiii CO B hex i
1 x 1-dazax, Bignosiguo. TyT y2ke MaeMo JIiHIHY 3a/1€KHICTD, Ha BiaMi-
ny Big Bunajixy (6). Husbka mBuiakicrs gecopOuil k}i € OCHOBHOIO TIPU-
qnuot0 Bucokoro mokputtsa CO ma moBepxni 1 X 1. I maBmaku, 3aBasiku
BUIII{l MBUIKOCTI J1ecOpOIIil Ha reKcaroHaIbHi TOBEPXHI 3HATHA TACTHU-
ua mMosiekyst CO srecopOye, 110 IpU3BOINTS JI0 3HAYHO HUKYINX TOKPUTTIB

CO y hex-daszi.
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PiBusaaga nia nepeTBopeHHs MOBEPXHi:

90
DUt - Bra (1~ 001) 00 /05) - OB — Bo)
710 - O1x1(1 = (0o /0E5))? + DpAbixi. (12)

Ilepmuit nonanok ommcye neperBoperHs hex — 1 X 1 31 mBUAKICTIO Vo1,
ApYTHUil TOJAHOK BiJIOBiZae 3BOPOTHHOMY mHepeTBopeHHI0 1 X 1 — hex
i3 mBuaKicTio v19. Tperiit nomanok omucye momupernss 1 X 1/hex das
BHACTIIOK nudy3il aromiB Pt Ha HeoaHOpiIHIM MTOBEPXHI.

1.04

0.8+

0.6 s

b"

i — p.=32-10° Torr
0.4 . (l);“; : : Pa T
go (i) 180
p,=2.80-10" Torr n

109

0 B 80 160
time (sec)

Puc. 3. Eosroniist mokpurTie CO, KUCHIO 1 TOBEPXHI 3 9aCOM JIjIst PI3HUX
3HAYEHb TUCKY pco. LlTpuxoBanow Jjinieio nosnadero 0oo(t), cymniinb-
Ho10 — 0o (t), myHKTUPHOIO — 011 ().

Ha Puc. 3 306paxeno nepioguyani kosmBauts mokpurtisa CO, KucHO
i gacTku moBepxHi cTpyKTypu 1 X 1. 301/IbIIEHHS KHCHEBOTO MOKPUTTS
J0 MaKCUMAaJIbHOI'O 3HAYEHHsI NMPU3BOJUTH JIO JIOMIiHYBAaHHS PeakIlil Ha
nosepxHi (Mmasi gacu, eran (i) Ha BepxHili manesni Puc. 3), mo, B cBOMO
qepry, Bejie j10 3menrtends mokpurTs CO. [lounnaernes eperBopeHHst
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[OBEPXHI JI0 TeKcaroHaabHol aszu (npomixua giignka, eran (ii) va Puc.
3). PekoHCTpYKIIisl IOBEPXHI TPUBAE JOTHU, IOKU 3HOBY HE MOYNHAE TOMi-
nyBaru ajcopbiiist CO, i nepexin hex — 1x 1, akruBoBanuii Bucokum CO
MOKPUTTSIM, PO3MOYNHAETHCsE 3HOBY (eran (iii)). Ha mpomy erami 3pocrae
azcopbis kucHo Ha (asy 1 X 1, mo crupudnHse HOBUI IIUKJI KOJTUBAHbD.

Ax BumgHO 3 HUXKHBOT maHes i Puc. 3, 3menmenns: muromoro tucky CO
Pco NPU3BOIUTH JI0 3HUKHEHHS KOJIMBAHD 1 MOJIAJIBIIOr0 I€PETBOPEHHST
MTOBEPXHI 710 CTabiIbHOI TeKCcaroHaJbHOI (ha3u.

IloBepxHeBi HEOTHOPIAHOCTI IPU3BOAATL A0 HecTabiibHOCTI Bemka-
mina-@eiipa [4] 1 70 HOBOro HeomHOPiAHOrO KOJMBHOrO pexkumy. Lleit
HOBUII PEXXUM XapaKTEPU3YETbCS BUIMAIKOBUMH CTOSTIUMU XBUJISMH B
IIPOCTOPOBO PO3JIijeHnX 00JacTsAX Ha noBepxHi. Jedopmariis dpouTy Xi-
MIYHOT XBUJII € TIPSMUM HACJIIIKOM CTPYKTYPHOI HeoHopinHocTi Pt(100)
i MOKe OyTH KJIIOUeM sl TOSICHEHHSI HEPEryJIAPHOl KOJUBHOT TTOBETIHKHI
Ha TAKOT'O TUITY TOBEPXHSIX.

4. Bnaus HeJtiHilTHOT andy3il

Y 1IbOMy PO3JILIL aHAJIZYETHCA MPOCTa CEPETHBO-TIOTBOBA MOJIETb TPAT-
KOBOTO ra3y Ha nosepxai Pt(110) [5]. MexaHi3sM BUHUKHEHHSI KOJIMBAHD —
Ile CTPYKTYpHUi (hpa30BUil epexi HA MOBEPXHI, iHIYKOBAHUIT TTPOIIECAME
aJicopOIii-gecopbuil: uncra nosepxua Pt(110) mae crpykTypy posranty-
BaHHS aTOMIB Y BepXHbOMY Mapi 1 X 2, a 3HaYHe JIOKAJIbHE TOKPUTTSI
CO mnoBeprae crpykrypy 1 X 1. 3asexkHicTh iIMOBIpHOCTI a/1cOpOITil Kuc-
HIO BiJl CTPYKTYPHUX MOIUMIKAIIHT MTOPOIKYE MOKIUBICTH TOBEPXHEBOTO
IlepeMUKaHHS MiK CTaHAMH 3 BUCOKOIO 1 HU3BKOIO KaTaJITHIHOIO aKTHUB-
HOCTSIMH.

Binmosigna JiokaabHa TyCTHHA BITHHOI €HEPril € CyMOIO TPhOX JIOJaH-
KiB

f:fad+fs+finta (13)
ne

fad = —ELS0c0 — ES 00 + RT[0conbco + 0o Info
+(1—=0co —00)In(l — bco — 00)] (14)
— rycruHa BinbHOI eHepril ajcopboBaHOIO IIapy,
fs = AFE0141 + RT[01x1 100151 + (1 — 01x1) In(1 — 0141)] (15)
— I'yCTUHA BUIBHOI €Hepril YnCTOl TOBEPXHI,

fint = —abcobix1 (16)
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— B3aEMOJlid MiXK aTOMaMW ITOBEPXHI 1 aJIcOPOOBAHUME MOJIEKYJIAMMI.
Eééz Ta EéX2 — enepria agcop6mii CO i kucHio, BiANOBiIHO, B PeKOH-
crpyiioBaniii ¢daszi, AE — pisuuis enepriii mixk yuctumu 1 X 111 X 2
MOBEPXHAMH, 01«1 — YacTKa moBepxHi KoH@iryparii 1 X 1, a a — pisHui
remwnor agcopdiii CO y aBox moBepxHeBUX daszax.

OyHKIionaa BLIBHOI eHeprii OTPUMYETHCA  JOMAABAHHAM IO
f(0co,00,01x1) BHecKy Bim rpagientie nokpurtas CO meproro
MOPSAAKY 3 HACTYIIHUM IHTEIDYBAHHSAM II0 BCi#l TIJIOIII ITOBEPXHi:

F{0co0,00,01x1} = /dr [f(9co,9o,91x1) + %(V9co)2 ; (17)

ne v = RTE2, a & — denomenosoriuna xapakTepHa JIOBKUHA.
Pipasganga g KiHeTHKYW 3MiHU TTOBEPXHEBOT'O MOKPUTTS:

deo
dct:o = pcoscokco(l —0¢0) — kabco — kr8cobo
— V-Jco, (18)
dbo ,
T = p0280k0(1 — 6‘00 — 90) — krecoeo. (19)

1e kco, sco i ko, So — KOHCTaHTH MBUIKOCTEH ajcopOrii i Koedirri-
€HTH Npuiniiafist, Bianosiguo, mis CO 1 KucHio; a kg, k. — KOHCTaHTH
mBuakocteit CO mecopbril i xiMivHol peakxiii.

Peaxist BindOyBaerhesa depe3 mexanizm Jlanrmropa-linmensyma; ai-
copOllist KICHIO € JIMCOIIaTUBHOK 1 rajibMyeThes ajgcopbosanum CO, Toi
sk agcopbuist CO BiOyBaeThCst Yepes CTaH IIPeKypcopa i He 3a00pOHSsI-
€ThCs asicopboBannM KucHeM. EdeKT mpekypcopa BpaxoBYEThCS MTOKA3-
HUKOM creneds r > 1y pisaauni (18). Kpim Toro, necopbiiero O mnpu
TeMItepaTypi Hmzkde 550 K MokHa 3HexXTyBaTH.

Hudyziitauit morik ajgcopbosanoro CO

OF
Jco = —-MVuco =-MV ; (20)

ne M — xoedirieHT TOBEPXHEBOI PYXJIMBOCTI.
Koedimnient mpumumanis KUCHIO 3a/I€2KUTH BiJl CTaHy ITOBEPXHi Ha-
CTYIIHUM YUHOM

1x1 1x2
so(bix1) = 55 O1x1 4+ 55 (1 = bO1x1), (21)
Ix1 . 1x2 CR :
ze s 185 ° — xoedimienTn npummanag Ha 1 X 111 X 2 moBepxmnsx,

BiAOBiAHO. 3 eKCIIepUMEHTAIBHUX JIaHUX BiJOMO, IO s};l / SIOX2 = 2.
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BaxkimBum y ganomy HabsmzKeHHi € re, 1mo 3 dbynkiionaty (17) Mox-
Ha orpumaru 1 norik CO (20), i piBHsHHs eBosmronii mis 61x1(r,t), a
came:

91x1 _ _; 0F{0co,b00,01x1}

ot 061x1 ’

(22)

ne L — koucranTa, sika (Bikcye 9acoBuil Macmrad CTPYKTYPHOTO (haso-
Boro nepexomay. OcTarodHo, cucTeMy TPbOX HEJIHITHUX audepeHIiitHmx
piBHSIHB 1yist 3MiHEUX Oco (T, 1), Oo(r,t) 1 O1x1(r,t) MoXKHA 3ammcaTn y
BUTJISIIL

00
8(;’0 = Poo(l—6%,) — dfco — Bcobo
— 0
+ MV% |ln o —abix1 — ViOco|, (23)
1—0co —to
000 2
5 = Po,(1+61x1)(1 —bco — 00)° — bcobo, (24)
891><1 T - 91><1 —
— = —L|AE+In(—— | —af 25
o7 { +H<1_91X1> Oéco}, (25)
Jle BBeJEeHO HACTYIHI TMo3HadeHHA: T = k.t i X = &) Ly — Gespos-
MmipHi wacosa i mpocroposa 3miuHi, Poco = pcoscokco/kr, Po, =

pozkozséX2 /k, — Ge3poamipni muromi Tuckun CO i kucuio, d = kq/ky,
M = RTM/k,&%, L = RTL/k,, @ = a/RT, AE = AE/RT — 6e3po3-
MipHi eHeprerndHi napamerpu. [Ipu mpomy Bubpano r = 3 — Haiibimxae
IiJIe YUCJI0, MEHIIE 38 eKCIIEPUMEHTAJIbHE.

IIpu BimcyTHOCTI MPOCTOPOBUX JOJIAHKIB, MOJIEb IPUBOIUTH JI0 IIO-
SIBU OJTHOPITHUX YaCOBUX KOJIMBAHb V BY3bKiit 0bJstacTi ha3oBoi aiarpamu
MiXK JIBOM& OJIHOPIJIHUMU CTIHKMMU CTaHAMH BUCOKOI 1 HU3BKOI KaTaJli-
TUIHOI aKTUBHOCTI, Bimmosigao. CtabigpHI OMHOPIMHI KOIMBAHHS iCHY-
IOTh 1 IIpX TIOSIBI IPOCTOPOBUX JIO/IAHKIB, ajie 00JIacTh IXHBOI CTabiib-
Hocti 3menInyerbesd. Ilpu mocuts Bucokux 3uHadenusax Po,, 30iablieHns
Pco Bese 10 BTpaTu CTIHKOCTI J1j1sT 1TuX po3B’sa3KiB. Taka HecTabiIbHICTD
IIOPOJKY€E CyOrapMOHIYHI CTPYKTYpU THUIy CTOAYAX XBWJIb. Ha mpak-
THUIl CHOCTEPIraeThbCs CYMEPIO3UIlisi OMHOPITHUX (POHOBUX KOJIUBAHB 1
CTOSYNX XBUJIb 13 BIABIYI MEHIINM TIEpiogoM KOJIuBaHb. Ll moBemiHKa
€ HACJIIKOM TepPIOAUIHOI HyKJIeallil i pocTy moBepxHeBUX da3, po3iiie-
HUX JJOMEeHaMU. 3aJIe?KHO BiJl MBUJIKOCTI j1ecopoOIiil d CTPYKTYPHU CTOSINX
XBUJIb BUSBJIAIOTH CMyTracTy abo KBajpaTHy cumerpio. Ha Puc. 4 306-
ParKeHO 9acoOBY €BOJIIOII0 TAKIX CTPYKTYP IPOTSAIOM IIOJIOBUHU II€PIOLY
KOJIMBAHb.
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Puc. 4. Eouttoriisi CTOSIMX XBUJIb IPOTSATOM IIOJOBHHE TIepiofy: (a) oc-
mutroroui kBagpaTuky; (b) cTostai XBUAIl 31 CMyracTo0 CuMeTpie.

Coin BiAMITUTH TAKOXK, IO TaKa MOJIE/Ib BPAXOBYE CUJIbHY 3aJI€xK-
micts qudy3il CO Bin quHAMIKE CTPYKTYPHOTO (ha30BOr0 IEPEeXory Ka-
Tajizaropa uepes HesiHiftHUM nogaHok neperocy. Came audysis Bimirpae
BUPIIIaJIbHY POJib y (POPMYBaHHI IIPOCTOPOBUX CTPYKTYP.

5. TepmoximiuHa MoeJIb

fx i B omepeHix MOJEIX, XiMidHa KiHeTUKa OKUC/IEHHS MOHOOKCHTY
ByIJIeIio 6a3yerbcs Ha MexaHismi Jlanrmiopa-['iHmenByna, mo omnwucye
uportecu ancopbuii/ mecopbiii CO 1 KUCHIO, a TAKOXK YTBOPEHHS BYTJie-
kucioro razy COq na nosepxui Pt(110) [6]. OcroBra peaxuist ckiiagae-
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Thest 3 TpbOX eTamnis (1)—(3).
Piustaas ms nokputtst CO (6co) i kuchio (6p) v it Moaesni MaoTh
BUTJIA;

bco = DcoV*0co+pcokcosco(l — (0co/085)?) — kaesBco
——
diffusion adsorption desorption
- kibcobo, (26)
———
reaction
0o = po,koso(l—0co/0Es —00/05")% = kbcobo, (27)
adsorption reaction

ne Doo — mBuakicts audysii CO Ha noeepxHi. dudysieo KUCHIO sK
Jly2Ke MAJIOK HEXTYIOTh. ' panuduna ymosa st mokputtst CO

dbco
on |ya

=0, (28)

ze 0/0n o3navae noxiaay no mHopMmaJi Ha rpaunur 2. Temneparypa Brum-
Ba€ Ha MIBUJIKOCTI €JIEMEHTaAPHUX IIPOIIECIB, 10 Bi0yBAIOTHCS HA TIOBEP-
xui. [IIBugkocTi peakiii i /iecopOIil 3aiekaTh Bif TeMIepaTypu 3a 3a-
KoHOM Appesiyca:

kp[T) = kQe™Fr/RT (29)
kq[T] = kYeFa/ BT (30)

IIpu exkcnepumenTabHEX yMOBax, 3ajexkHo Bix nokpurts CO, pe-
KOHCTpyiioBaHa noBepxHd Pt 1 X 2 moxke moBepraTucs 0 CTPYKTypHU
1 x 1. Ilepexin Mixk mumu gBoma cranamMu 1 X 2 = 1 X 1 3yMOBJIIOE BU-
HUKHEHHS OCHUJIAIIN Ha moBepxHi. /wHaMmika peKOHCTPYKIII MOBEpXHi
33/Ia€ThCA TPETIM PIBHSIHHSIM:

O1x2 = kpn(pl0co] — O1x2), (31)

Ie plfco] — necnanma mnasHa QYHKIiL, 3a0ana Ha inTepsadi [0,1], a kyp

— MBUJKICTh PEKOHCTPYKIIIT IOBEPXHi, 3aJIe2KHA BiJ] TeMIepaTypH 3TiTHO
3akoHy Appeniyca:

kepn[T) = kb e~ Fron/ BT (32)

KoedimienT npuannamis KACHIO 3aJIEXKUTh Bill 01 xo HACTYIIHUM UHHOM:

30[91X2] = 6‘1><288) + (1 — Hlxg)sg). (33)
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Hpuknagamu byskiii plfco|, 306paxenux na Puc. 5, €
0 0 < fco < bto,
(Bco —080)*(20co +0to — 3020)
(Ot0 _1 020)°

p1l0col= 0o < bco < 6%,

030 <b0co <1

abo
1
_60(0co — (00 + 9200)/2)> .
(020 — 0t0)

p2[0col =

1—|—exp(

08

08

07

08F

05F

plu]

04F

03fF

02fF

04F

Puc. 5. sa npuxnaau byukuiii p[fcol: p1[fco] 306paxkena cyiibHOIO
KPUBOIO, P2[fco]| — MyHKTUPHOIO.

s karasizaTopiB, MO SBJISIOTH COOOI0 TOHKI IJIACTUHKH, TEILIO,
sKe NeHEPYEThCA IIPHU XIMIYHUX IPOIEcax, MOXKe CYTTEBO BILJIMBATH HA
temueparypy T mosepxni i mBugkocti ki, kg i kp,. HaBits Masi 3minn
TeMITEpaTyPH MOXKYTh OyTH JOCTATHIMHU, 0O 3HATHO 3MIHUTH AUHAMIKY
okucyienns CO. Tomy mpu anaisi piBHsHB XiMIYHOI KIHETUKHU CJIiJT Bpa-
XOBYBATH YMOBH TEILIOBOTO OaJIAHCY HA MOBEpXHi. PiBHsIHHS TemIoBOrO
6aJIaHCy Ha OJWHUINO ILJIOII MMOBEPXHI BKJIIOYAE TEILIONPOBIIHICTH; BU-
MIPOMIHIOBAHHS 3 IIACTUHKHU, & TAKOXK OOYyMOBJIEHE BILJIMBOM 30BHIITHIX
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JIZKepeJT; TEIJIO BUJILIEHHS IIPU PEeaKIIil:

r 2 4 .
hepol = hkeondV T —eo(T? —Tow)+ q
~—~
conduction radiation other sources

—  2nsites AHCO aasPcokcosco(l — (0co/0E5)9)

CO  adsorption
2Myites AH0,adsP0, ko 50 (1 — 0c0 /0ES — 00 /05" )?
O adsorption
—  2ngitesAHgeskdesfco — 2nsites AH k-0c000 - (34)

CO  desorption reaction

JonaHok ¢ MOXKe, HAIPUKJIAJ, BiJIMOBIIATH BUMIAIKOBOMY ‘30BHIITHBO-
My” masepromy mpoMenio. Tomi ¢ = (1 — Quefi)Plaser 3 KoedimienTom
BIIOMBAHHS Qirefl, JI€ Plaser — TYCTHHA €HEpPTil HA ONMHMITIO TTOBEPXHi. Y
pasiamiitnomy nogaHKy Ten, — 1€ TeMIepaTypa CepeJoBUINa, ¥ dKe BiJl-
OyBaeThCs BUIIPOMiHIOBaHHS, 0 — KoHCTaHTa Credana-Bosbivana, a €
— 0e3po3MipHUN MHOXKHUK, KUl BU3HAYAETHC eMiipu4Ho. [y mosep-
xui kpucrazy Pt(110) € = 0.0025. Yncio akTHBHEX BY3/IiB Ha OJUH CM>
nosepxHi Pt(110) MoxkHA OIiHUTH BHpa30M:

1
V2d2N 4’

Je d — noBKuHA pebpa eJeMeHTapHOro Kyba KPUCTAIITHOI IPATKH.

3Barkaroun Ha BeJIMKY PI3HUII0 MiXK Koedinientamu audysii Ter-

a (Dr = 0.26 cm?/c) B o6'emi i ancopbosanoro CO Ha mosepxHi

(Dco = 51078 em?/c), mudysiero CO MoxKHA 3HEXTYBATH, TTOKJIAB-
mu Deoo = 0. Inmmyu citoBaMu, MU IPUXOAUMO JI0 TPAHYJISPHOI MOJIET],
JUIsT STKO1 XapaKTepHA JUCKPETHICTh y PO3TAIYBaHHI AKTUBHUX BY3JIiB
Ha IIOBEPXHi.

ITTo6 orpumaru cucTremy MpOCTUX JUMDEPEHIIHHUX PIBHIHD, TUDY-
3ifinuii jgogaHoK y piBHaHHI (34) 3aMiHIOIOTD JIHIHHUM JOJAHKOM:

(35)

Nsites =

oT 1
E —n ~ E(T - Tsup)' (36)

Toi nabmkeHe piBHIHHS TEIJIOBOTO OAJIAHCY B TEPMiHAX yCepeTHEHUX
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3MIHHUX HAOyIe BULJISIITY

-2
. TJ701Kcond 2eo 4
T = L 2200(T(t) — Taun) — T T,
Acpp ( ( ) p) Cpph( ( ) env)
2nsn:cs sat
+ ==2(38pcokcosco(l — (6co/055)°)
cpph

+ 54po2koso[w]( 900/05“ —00/056“)
- 38kdes[T]900 - 24-37kr[ ]9006‘0).

Ocraro4Ho, cucreMa piBHSHB I TPAHYJISIPHOI MOJIEJII MaTUMe BU-
TUISL T

bco = pcokcosco(l —(0co/0E5)?) — kaes[T10co — ki [T10cob0,
0o = po.kosolfix2](1—0co/05L —00/05") — k. [T0cobo,
Orx2 = kpu[T](pl0co] — b1x2),
S %2 4
T - A (T TSUP) h (T Tcnv)

h (38pcokco$co(1 - (GC‘O/QMt ) ))

54p02 koSo[’w](l — 900/6”“ 6‘0/9%“)2 — 38kdes [T]@co
—  24.37k,[T)0cobo,

9
. Tjg1 Keond 2¢e0
Jle BUKODHCTAHO TaKi MO3HAYEHHS ¢] = ———"" ¢y = ——, c3 =
Cpp Cpp
2nsitcs 2 .
——, A=7mR?* R - paaiyc Pt (110) muactunku, h — i1 ToBmuHA.
Cpp
P

Ha Puc. 6 mokazana ocriuisriiina quHaMika JJIg MOJIEJTBHOI CUCTEME
upu temueparypi T, = 539.5K. llepiof i Jiana3oH 3MiHu TemIiepaTypu
BUOMpABCS B 00J1aCT]I €KCIIEPUMEHTAIBHIX 3HAYEHbD.

SayBaXKuMo, 10 TaKa 130TepMivHa KaTaJiTHYHa MOJIEb OKUCJIEHHSI
CO, 1o BpaxoBy€e PIBHSIHHS TEILIOBOIO OAJIAHCY, CTAE OCODJINBO BaXKJIU-
BOIO y BHIQJIKY JyK€ TOHKUX KaTasi3aTOpPiB, OCKIILKH BOHA BPAXOBYE
3MiHM TeMIEepaTypu IpU MPOTIKAHHI XiIMITHUX MPOIECIB Ha MTOBEPXHI.

6. BpaxyBanHsi mpunoBepxHeBol audy3ii Ta Teriooo-
MiHY
IIs momenn ob’emnye peaxiiito Jlanrmopa-I'inmensyaa mixk aicopboBa-

muvu CO 1 O aTomamu i HOBIIbHMIT TOBEPXHEBUII MEXaHI3M OKHUCJIEHHS
i peaykuit [7].
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Puc. 6. EBomonist nonis 0co(u),00(v),01x2(w), T 3 yacom mjas rpasy-
sapuol mozeni upu Ty, = 539.5K.

ITpu nocrarabo Bucokux Temueparypax (>300 K) pecopbuiero CO y
(1)—(3) yxe He MOxkHA 3HeXTyBaTH. AJCOPOIIis KUCHIO € JIUCOIATUBHA,
TOMY IIBUIKICTH JIECOPOII KUCHIO € JIy’Ke HU3BbKOI. XeMOCOpOOBaHUM
KHCEHb MOKe IPOHUKATH y npunoBepxuesi mapu (B Pd pozunnserbca
10 300 MOHOImIAPIB) 1 yTBOPIOBATH OKCHUJI, SIKUil € TEPMOIMHAMIYHO CTa-
6inbaumit g Temmeparyp (>300 K) i tuckis (>107% Topp), npn axux
criocrepiraroTbesi KoumBaaHas. Kpim Toro, okcnt Moxke B3aeMosiatu 3 CO
i yreoproBatu mosiekyiry COs. IMmoBipHicTh Takol B3aemomil € HAOAraTo
MEHITIOI0 B TOPIBHSHHI 3 IMOBIPHICTIO [IjIsi KHCHIO, XeMOCOPOOBAHOTO HA
noBepxHi. BBaxkaeTbcs, M0 yTBOPEHHS OKCUIY OJIOKYE BY30J BiIHOCHO
CO abo Os xemocopb6iii. Kinernka yTBOpeHHsI OKCULY 1 Oro HACTYIIHA
PEAYKIIIS MOJIETIOETHCS PEaAKITisIMU:

O(a) + Vs =5 Oy(a) + V, (37)
O4(a) + CO(a) =% COy + V +V, (38)
je Vs — BakaHCist y IpUIIOBEPXHEBOMY ITapi.

Cucrema gudepeHIfiaJbHIX PIBHSIHD, 1[0 OIKMCY€E IUHAMIKY MOJIEJ, €
TaKOIO:

dfco
dt

= kipco(l —bco —00) — k—10co — ksbcobo — ksbcobos, (39)
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de —a
d—to = kpoQe 005(1 —0co — 90)2 — k3bcobo — k490(1 - 905)7 (40)
dbos
d(t) = k400(1 — 00s) — ks0co0b0s, (41)

1e 0ps — KOHIIEHTpAaIlisl KUCHIO B MIpUIOBepXHeBOMY mapi. Ilapamerp a
(v = 10) BinnoBinae 3a BIUIMB NPUIIOBEPXHEBOI'O KHCHIO HA MIBUJKICTH
azcopbuil kucuo. Mogens (39)-(41) e ysaranprernsam mozeni (4)-(5) Ha
BUIIAJI0K BpaxyBaHHs Judy3il aTOMIB KUCHIO ¥ TIPUIIOBEPXHEB] IIapu Ka-
TaJjizaropa. Bei mBUIKOCTI 3a/1e2KaTh Bijl TeMIIEpaTypH 3a 3aKOHOM Ap-
pewniyca: k; = kiyoe’Ei/ RT (axrupamiitaunit Mmexamizm). Koncrantn ky o i
ks,0 € IoHalMeHIIIe Ha YOTHPU OPSIKU MEHIINMY, Hi>K IHII KOHCTaHTH;
BOHU BU3HAYAIOTH I1€PI0JI, KOJIMBAHB 1 MOXKYTb OyTH migidpani BiamosigHO
JI0 eKCIIepUMeHTAJIbHUX JanuX. 1g cucrema piBHSAHDL Ma€ JIBi 9aCOBi IKa-
JIM, OCKIJIbKI OCHOBHA PEeaKIlis € 3HAYHO IIBUJIIIONI, Hi?K IIPUIIOBEPXHEBI
3MiHH.

PiBusinus TermoBoro baancy KaTaaizaTopa BpaxoBy€e HAIPOMAIZKEH-
Hsl TEILIA, TEII000MIH, TeIIOBU/IIJIEHHS [P PEAKIIIT i TeIIONPOBiIHICTD,
a came:

oT
2L AT (T, )+ Mo, (1
Rco = k3bcobo, (43)

ge T, T, — TemiepaTypu TBepJOro KaTajizaTopa i rasy, BiJlIOBiIHO, a

d — ToBmmHA KaTaiTHIHOro mapy. OCKiJIbKu TepMivHI 3MiHU € 3HAYTHO

HOBLIbHIIMMHY, HIZK KiHeTn4Hi, ToMy y Bupa3ax (39)-(41) remueparypry

3aJeKHICTh MOXKHA BpaxoByBaTu ajiabarudno. [Tlapamerp b — 1e kaJrib-

POBOYHUI MHOXKHUK, IO 3aJIE2KUTH BiJI IJIOIII ITOBEPXHI KaTaJsi3aTopa.
Bamanc mac mist ra3oBoi dhasu 3amuinemMo Tax:

dp
V=2 = a(plo — poo) — RTwerbS(Roo). (44)
Reo = kipco(l —0co — o) — k—16co, (45)

ne V — o6’em razosoi ¢daszu, ¢ — MBUAKICTH HOTOKY (BUMIpSIHA IIPH KiM-
HarHili Temneparypi Trer), S — mioma nosepxui Karasaizaropa, a (- )
[TO3HAYAE CEPEJIHE JIJIs yChOTO KaTai3aropa. 3 TeIIoBoro basaHcy i 6a-
JIAHCY MAC MOYKHA OIIHUTU MAKCUMAJILHUIA TeMIepaTyPHUAN IPAJIE€HT IPU
3aBepIeHH] XiMITHOT peakIrii:

_ _AHQP%O.

AT, = , 46
hSRT,es (46)
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1 mepenmcaT OCTAHHI JBa PIBHAHHA HACTYITHUM YHHOM:

oT

Trr = LiV?T = (I, = T) + BAT,Reo, (47)
dpco
TPT = (poco —pco) — BP%O<RICO>7 (48)
Tl—o =0, T(R) =T, (49)
e
bSRT,. sCps
B = 220rel p = Psps (50)
4Pco h
Asd |4
L% — h R Tp = E (51)

ITosexinky cucremu piBHsHb (39)—(48) MoxKHA HpoaHai3yBaTH y
JBOX BHIAJKaX. B mepmomy Bumanky, xkomu Lp = 0, mMaemMo cucremy
pocTux AUQEPEHIIHNX PIBHSIHD, IO OIUCY€E TPAHYJISPHY CUCTEMY, JIJIsi
K0T XapaKTePHA JUCKPETHICTh Y PO3TAIlyBAHHI AKTUBHUX IEHTPIB ¥ BU-
IJISITi TPAHyJI YU 3epeH Ha MOBEPXHi KarasizaTopa. B apyromy Bumajaxy
Ma€MO CHCTeMY PIBHAHb 3 YACTUHHUMU IOXITHUMHU 110 KOOPJMHATAX 1,
BIJITOBI/IHO, AKTUBHI IEHTPU PO3TAIlIOBaHI HEIIEPEPBHO HAa IOBEPXHI, 1
TOMY TaKa CHCTeMa Ha3BaHA HEIIEPEPBHOIO.

T'panynsapua cucrema. PosrisHemMo crio9aTky IMOBEIHKY T'DaHY-
nspHol cuctemu. IIpu Bucokux TrcKax cucrtema nepedyBae y cTadbiIbHOMY
crani. I3 3menmennam poco qepe3 MexaHi3M 6idypxkariii Tonda cucrema
PAIITOBO IEPEMUKAETHCS HA PEXKUM BEJUKOAMILIITYIHUX KOJIMBAHb (1UB.
Puc. Ta).

[Tepexis Bijy MaIHX 10 BEJIMKNAX KOJIMBAHD BiI0YBAETHCS Y JIy2Ke BY3b-
Kiit oburacti. ¥ BifgmoBigHOMY (ha30BOMY IIPOCTOPI € 3aMKHYTa IIETJIs, IO
orouye yci Tpu icuyroui crifiki cranu (Puc. 7a). Ilepexin 10 KOMIUIEKCHOT
MTOBETIHKY TTOYMHAETHCA i3 6ipypKartiii mpu p%o = p] ~ 957 Ila. Ilonasus-
I1e 3MEHIIEeH s Y, IPUBOJMTD JI0 TOTO, IO PO3B’A30K PAITOBO EPETBO-
PIOETHCS ¥ HU3BKOAMILIITY/IHE JIBOIIKOBE KOMUBAHHA LS, HAKIAACHE HA
BeJIUKOAMILITYIHUI 1 Hu3bKowacToTHU 1k (Puc. 7b). Haui cucrema
IIPOSIBJISIE TIOCJIIIOBHICTD JOJATKOBUX MEPIOANYHUX PO3JIBOEHD i3 MOCTY-
moBuM 30inbieHHsIM n. Tak, LSy 3’saBaAI€ThCS TpU poco =793 — 832 Ila,
Lss upu ply = 770 — 793 Ila i T.1. Ha mexi obacti cucrema BusBiisie
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Puc. 7. KonusHi po3B’sa3ku y rpany/agpHiil cucremi myis mogesi (39)—(48).

anepioguany noseinky (plo = pi ~ 740 Ila) (Puc. 7d). 3asnaanmo,
1[0 YaCTOTa MAJINX KOJIMBAHb € 3HAYHO BHUINOIO, Hi?K OCHOBHUX, TOMY TaKi
KOJIMBAHHS BIJIHOCATBCS JI0 IIePIOAMIHMX "CliajiaxiB fKi 3yCTPidatoThCsl y
JesdKuxX Heipodiziogoriaaux i XiMidHNX crcTeMax.

Tlounnaroun 3 HUKHBOT MEKi KOJIUBHOI 00J1aCTi, i3 301/IbITEHHSIM THC-
Ky MOJEJIb JEMOHCTPYE MOsIBY MAaJOAMILIITYIHIUX BUCOKOYACTOTHHUX Pe-
rysnsipuux koausanb (Puc. 7e), ski TpancdopMyIOThCs y HEPEryJIspHi y
BY3bKiit obsracti p%o.

HenepepsHa cucrema. Po3sriisinemMo 1oBe/IiHKy HellepepBHOI CucCTe-
KOO Tpany/sipHOl cucremu. KosmBHa 00J1aCTh JTAHOI CUCTEMH € 3HATHO
G1IBITIOF0, HIXK 1T TPAHYJISIPHOI.

Po3riIsiHEMO BILIMB 3MEHIIEHHs pY,, Ha HOBE/IHKY cucrTeMu IpH Bik-




20 IIpenpunt

{a) (&)
1 1
a8
o
8
0l l ‘ II
?o (b) 200 ?o (" 200
0&8
R NV
% @ 100 o @

0
Co

%

]
co

1-P /P
[ ]
[ ]

0 100 0O 100

Puc. 8. KonmuBHi po3B’sa3ku 77151 HEIIEpEePBHOI CUCTEMHU Ha OCHOBI MoIest

(39)(48).

cosatoMmy Ty, (=493 K). IIpu BHCOKUX THCKaX y CHCTeMI iCHYIOTb HE-
3bKOYACTOTHI BEJIUKOAMILIITYIHI KOJUBAHHS, 1€ JJI OLIBINOl 9acTHHI
mmepiofy cucreMa € B CTaHi HU3BKOI KATAJITHIHOI aKTUBHOCTI. “XO0JI0/1-
i’ Kpail BeJIyTh JI0 CKOPOUEHHS iMITy/IbCIB. [3 3MEHITIEHHIM THUCKY poco
IMITyJIbCH PO3IIMPIOIOTHCS 1 TIepion KonBaHb 3MeHIIyeThest (Puc. 8b).
Taxi mpocTi otHOTIEPIOAMYIHI KOJTMBAHHS 30€PIrafoThCsl axK JI0 MIEPITO-
ro po3aBoeHHs npu pl, ~ 190 Ia (p, = 957 Ila aua Bignosinuoi rpa-
HyJsipHOI cucremn). KommiekcHa noBesiiHKa HemepepBHOT CHCTEMHU CIIO-
CTepiraeThes 10 p%o ~ 168 Ila. I3 moga/bIIuM 3MEHITIEHHIM p%o cuc-
TeMa IIPOSABJISIE TOCTIIOBHICTD JIOJATKOBUX IEPIOIUYHUX PO3/IBOEHD, IO
IPUBOJIATE JI0 yTBOPEHHs KoJmBaub Tty Ls,, (Lsy upu pd, = 180—190
Ila (Puc. 8¢), Lsy npu pd, = 169.1 — 170 Ila (Puc. 8d)). Ckiaguux Ko-
JmBaHb TANy LS, nna n > 3 He BuaBiieno. Hacrymne 3Menmennas p%o
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CIIPUYMHSIE BUHUKHEHHsI Helepioguaaux kosmsaHb (Puc. 8e). 3a obiac-
TIO 13 HENEPIOIMYHOIO ITOBEJIIHKOIO TI€Pi0/T KOJIMBAHb 3MEHIIIYEThCS BIIBIY1
(Puc. 8f —8h). Ilpu HU3bKUX p%o ~ 130 ITa cucrema mepebyBae y criii-
KOMY CTaHi.

CkyanHi KOJIMBaHHS, SKi BHHUKAIOTH B Takiil cucremi, 3yMOBJIEHI
POIO KiHETUYHUX 1 TePMIYHUX edEKTiB, a TAKOXK HEATPAIZYIOU0I0 i€
XOJIOIHUAX KPaiB HA aKTUBHY 00JIaCTb.

7. BpaxyBaHHsi ooMexkeHHsti audy3ii y ra3osiii daszi

IITe omuu MexaHi3M BUHMKHEHHST KOJIMBHUX PO3B’s3KiB MOXKHA ITPOIJIIOC-
TpYBaTHU Ha NPUKJIAJl MOJEJ, 3aIpOIOHOBaHIl y po6oTi [8]. Posrisanemo
PeaKIlito TUIy:

2A + By — 2AB. (52)

Ha nmoepxni chepruanoro xarasizaTopa MPHUITYCKAETHC, MO MEXaHI3M
peaxiiil € Takuii xKe, sik i peakilil okucyentass CO wa moBepxni Pt. Bin
BKJIIOUa€ 0060pOTHY ajcopOIiiio A, HEOGOPOTHY AUCOIIATUBHY aICOPOIIII0
Bs, peaxiiito A + B Mixk ajcopOOBaHUME DEYOBUHAMHU 1, SIK PE3YJILTAT,
YTBOPEHHsI MOJIEKYJl AB, siki MUTTEBO j1ecOpOyIOThH 3 MOBEpXHi. Bisro-
BiJIHI DIBHSHHS JJ1s1 KIHETUKN 3MiHU ITOBEPXHEBOT'O TTOKPUTTS

do
d—tA = kApA(l — HA) — kdeA - kreAeB7 (53)
de
= = hepp(1-04—05)" k06, (54)

Jie DA, PB, — IUTOMI THCKH pearyiounx pedoBHH y Ia30Biil ¢asi.

Enementapni Kpoku MOBEPXHEBUX PEAKIIiHl, ¥ IKAX CIOCTEPIraioThCs
KOJINBAHHY, €, 9K IpaBuio, ayxke meuiakumu. [11o6 onucatn KosamBaH-
Hel IIPU TaKUX YMOBaX, BPAXOBYIOTH JIUIIIE aCHMITOTAYHI PO3B’A3KHU JJIs
crifikoro crany piBHsHb (53)-(54). Haitnikasirow BIacTUBiCTIO IMX PO3-
B’a3kiB € ix Gicrabuibaicts (Puc. 9). IIpu tuckax Bag p%z <pp, < p132
piBagnans (53) i (54) MaOTh TPU PO3B’A3KHU, OJIUH 3 SKHUX € HECTIIKUM, a
JIBa, iHIM — CTIiMKI.

st onmcy mepeHocy Macw MpU peakiril HeoOXiHO po3B’sd3aTH TPH-
BuMipHi nudys3iitHi piBHSAHHS 3 BpaxXyBaHHIM C(EPUIHOI CUMEeTPil Jist
KoueHTpaniil y razosiit dasi na(r,t) i np,(r,t) i TakumMu rpaHEIHEME
ymoBamu 1ipu 7 = R (R — pagiyc cdepn):

Ona(r,t)
or

onp,(r,t)

Da or

=W, Dp, = W)2, (55)
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Puc. 9. IMIsuakicrs peaknil sk GyaKiis Tucky Bs. JIinii CD i EB Big-
MTOBiJAI0TH CTPUOKOMO/IIOHNM 3MiHAM IIBUJIKOCTI peakIiil y mporeci Ko-
JINBaHD.

ne Dy, Dp, — xoedinientn qudysii, a W (t) — msuakicrs peaknii (quciio
MouteKys1 AB, yTBOpeHNX Ha OfMHUI 10 3a 1 cexyHy).

1106 mosicHUTH €BOJTIONII0 KOHIIEHTpAIlil y ra3oBiit ¢hasi 3 qacom, 3Ha-
XOJIUTHCS CTAIIOHAPHUI PO3B’sI30K JIJIsi TPUBUMIPHOTO DIiBHSHHS Judy-
3ii:

n(r) = n(R) + [n" —n(R)](r — R)/r, (56)
3BiKkn audy3ifiHnit MOTiK Oijis TOBEPXHI OIIHIOETHCS STK
J = D[n* — n(R)|/R, (57)

ae n* — xomnentparig npu R — o0o. MakcumanbHuil MOTiK Jpae =
Dn*/R signosinae n(R) = 0.

B miit momeni HakmamaeTbes 0OMeXKeHHs Ha, udy3it0 OJHOTO 3 Peak-
TaHTiB, 30kpeMa By. I[Ipunyckaerbcs, mo mBuakicTs audy3il MOJIEKYJT
A € Bucokowo, Dyn’ /R > W. Toxni HeoOxinHy yMOBY BHHUKHEHHSI KO-
JIBaHb MOXKHA oTpuMaru 3 aHauizy Puc. 9 i piBuanug (57). Tuck Bs
JTaJIeKO Bij moBepxHi Mae OyTu OLIBIIHIL 38 p}gz. I1a ymoBa go3BOJISIE 1O~
carTu Bei 6icTabuIbHI TOYKY, HACTIKOM Y0TO € BUHUKHEHHS KOJIMBAHb.
[Mpunycrimo, mo Tuck Be Bignosigae Touni A na Puc. 9, 1 B mouaTkoBuit
MOMEHT HEMa€ I'PAJIEHTIB KOHIEHTpaIliil. B 1iboMy BUIAIKY IMIBUIKICTD
peakiiil € BUCOKOIO, TOOTO cucTeMa 1epedyBae B peakKTUBHOMY CTaHi. 3
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9acoM THUCK Bp Oyjie 3MEHITYBATHCS Yepe3 MIBUJIKY BUTPATY 1 oOMerke-
Huii nepeHoc By. Tobro, cucrema 6yjie pyxarucs BiaiBo B30k Jjinil AC.
JlJ1si BUHUKHEHHSI KOJIMBAaHb HEOOXIIHO, 100 cucreMa jrocsria Touku C.
@izuyHO, 1e 03HAYAE, IO 0bMexKkeHHsI qudy3il Ha jiiHil AC mae OyTu Ha-
CTIIPKU CHJIbHUM, MO0 Mudy3ifiHuil MOTIK He MIr miATPUMYyBaTH peak-
TUBHUI cTaH. MaTeMaTnaHo, s BUMOTra 3alIUCYEThCS HACTYITHUM IHHOM

Dp,(np, — n%2)/R < Winaz/2, (58)

Je np, i nY, — KOHUEHTpaIl, Mo BiANOBizAIOTH THCKAM Pp, i Pk, a
Winazr — MIBUAJKICTD peaKilii y peaKTUBHOMY CTaHi.

Axmo cucrema jocsirae Touku C, peaKTUBHUI CTaH CTA€ KIHETUYHO
HecTabiIbHUM, 1 BiIOyBaeThCsa KiHeTHIHNN (Ha30BUil MTEPEXiT 0 TOUKHU
D, 10670 /10 HEAKTUBHOTO cTaHy. 1yT BUTpaTa By € 3HAYHO MEHIIOI, i
JIOKaJIbHA, KOHIIeHTpaIlis By Oyme 3pocraru. Cucrema moYnHAE PYXATUCH
B370B:K JiHil DE 13 9acom gocsarae Touku F. YMOBOIO TaKOTO TEPEXOTY
€ BUMOTa

ne Wg — nie mBUIKICTh peaxiiil, mo Bigmosizae Touri F. Toxi Bindbysa-
eTbest pazoBuit nepexisn i3 Touku F g0 B, ToOTO cucTtema 3HOBY CTa€
peakTuBHOIO 1 ipsimye 10 Touku C'. [lounHnaerhcst HOBUIT IUMKJT KOJTUBAHD
B3goBXK Jinit B - C — D — E — B.

1106 ominuTy mepion KOJIWMBaHL y Takiifi Mojesi, HeoOXimHO, mob
MIBUJKICTD PEAKINi]l y PEAKTUBHOMY CTaHi OyJia 3HAYHO BHUIIOIO 32 MIBU/I-
KiCTb peaxIlil B HeaKTUBHOMY CTaHi i TaK02K HAOATraTo BUIIOIO 38 CEPEe/IHi
audysiitamit moTik 10 moBepxHi. Tomi po3B’s30K 0IHOBUMIPHOTO TUDY-
3IHHOTO PIBHAHHS 3aIMCYE€THCS y BUIJIAIL

np,(z,t) = ng, — Wiae /t G(x,t —t')dt, (60)
0
ze x, t — upocToposi i yacosi koopaunaTu (z = 0 BiguOBinae NOBepXHi,
t = 0 — movyaTKy aKTUBHOTO TEPIoAy), a
G(x,t) = (4nDp,t) "'/ exp(—22/4Dp,t) (61)
— Bignosinna dyukmig ['pina. Binsg mosepxni
np,(0,t) = nk, — Winas(t/mDp,) /2. (62)

Tokamaoun y nbomy piBasiuni ng, (0,t) = n% HaOpUKiHIl peakTHBHO-
y y 2 9 B2

r'o 1Iepiojly, OTPUMYEMO TPUBAJICTD IIHOTO MIEPIOJLy

Ty = WDBz(An/Wma;E)27 (63)
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_ 1 0
ne An = np, —Np,-

TpuBagicTh HEAKTUBHOTO ITEPIOY MOXKHA OIIHUTHU 3 PiBHIHHS OajaH-
Cy ISl TIEPEHOCY MACHU:

WmawT—i- + Wlo’wT— = 2<JBQ>(T+ + T—)u (64)

1e Wiow =~ (Wp + Wg)/2 — cepeieisi IIBUIKICTH PEAKINT IPOTITOM HEak-
TuBHOTO NIepiony, (Jp,) = Dp,[np, — (np,(R))]/R — cepenniii mudysiii-
nuii notix, (np,(R)) ~ (n, +njp,)/2 — cepenus konuenrpanis By Gins
noBepxHi. BignosigHno

T = 7-+(Wmaw - 2<J32>)/(2<JBQ> - WlO’UU)' (65)

3 pieusiHEA (63) BUAHO, IO T4 HE 3aJeXKUTh Bij TeoMeTpil HoBep-
xHi. [leif BHCHOBOK € MPaBWJILHUM, SKITO IIBUJIKICTD PEAKII] MPOTATOM
PEAKTUBHOI'O MEpiojy 3HAYHO MEPEBUINyE cepefHiil nudysiitHnii moTiK.
Hacmopagai, i Betmauan € criBpo3MipHi, ToMy T4 Oyze ciaabo 3ajiexkaTn
Big R. 3ajexHicTs 7_ Bij R € 3HAYHO CUJIBHIIIOK Yepe3 3aJIeXKHICThb
(JB,) Bin R.

Tumnosi konuBHI KiHeTn4aHi Kpusi 306pazkeni va Puc. 10.

Reaction Rate {105 ML/s)

03

o
m
L

Local B, Pressure (bar)
=]

Puc. 10. IIBuakicTs peaxiil i Tuck By 6l1s oBepxHi K DYHKIHT dacy,
OTPUMAaHI B paMKax MoJjiesi 0OMeKeHol audys3il.

Otrxke, y 1iif MOJEJIbHI CHCTEMI CIOCTEPIraloThbCs 130TepMivHI KO-
JIMBaHHS, CIIPUYNHEH] MTOEIHAHHAM HEKOJIMBHOI IIOBEPXHEBOI KIHETUKH 3
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obmezxerHstMu udy3il y ra3osiit dasi. e saurne moxe crocrepiraTucs
y peajibHUX CHCTeMaX, y AKHUX iCHye 0bJiacTb GicrabiibHocTi. OCHOBHOO
YMOBOIO IIPH IIbOMY € Jiedinut Be y ra30Biit cyminri. Y peaxiiii OKUCIeHHS
CO na nosepxni Pt (CO inenrudixyerbest sk A, Oy sk By) 6icTabian-
HICTb BUHHUKAE MPU BEJIUKOMY HRJIUINKY KUCHIO. ToMmy Ieil MexaHi3m €
MaJIOIMOBIpHHM y Takiit cucremi.

8. BucuoBku

PoszrisinyTo rosioBHI MexaHi3MU BUHUKHEHHS KIHETHYHHUX KOJIMBAHb B
mporieci mepediry KaTaiTUIHOT peakIlil OKUCIeHHST MOHOOKCHTY BYTJIEIIIO
Ha moBepxXHAX MeTausry Pt. I3 mposesenoro amasisy ciimye, mo: peKOH-
CTPYKITisl TOBEPXHI KaTa/i3aTopa BajKJIWBa MPU HU3LKUX THUCKAaX; TJIO-
ba/TbHa B3a€MOJIis i3 Ta30BOI0 (a30i0 y IMOETHAHHI 3 HEKOJMBHOIO IIO-
BEPXHEBOIO KiHETUKOIO, & TaKOXK obMexkeHHsaMU udy3il y raszosiit dasi,
JIOMiHy€ IIpu BHCOKUX Truckax. OpieHTallisl IOBEPXHI Ma€ BUPIIIaIbHUI
BIUINB Ha BHHUKHEHHsI KOJIMBaHb: Jis opientaril (111) He cmocrepirae-
ThCs TIepeOyI0BU MOBEpXHEBUX (a3, & OTKe, He BUHUKAKTH KOJIMBAHHS,
M 00ymoBsieni; Ha noBepxui Pt(110) kosmBanus € nepioguaaumu, ToIi
gk #Ha Pt(100) MOXKyTh BUHMKATH HEIEPIOAUYHI KOJMBAHHS.

Hamu npoanaJsiizoBano Mojesii Karajgituaaoro okucienass CO Ha 1o-
BepxHi Pt(100) Ta Pt(110). Yucra nosepxust Pt(100) mae kBasirekcaro-
HaJbHE PO3TAIYBaHHS ATOMIB Yy BEPXHBOMY IIapi, a 3HAYHE JIOKAJbHE
nokputtsa CO moeprae crpykrypy 1 x 1. Ili gBi pizni daszu maroTs piz-
Hi aJIcopOIiiiHi BJIACTUBOCTI, & OTKe, KIHeTHIHI OCHUJISI] BUHUKAIOTH
BHACTIZIOK TepedbymoBu moBepxueBux da3 1 x 1 = hex. JIaa moBepx-
ui Pt(110) mexaHi3M BUHUKHEHHsI KOJMBAHb € MOAIOHMM 3 TI€H0 JIAIIe
pisuunero, mo Ha nosepxui Pt(110) KOHKYpYIOTH CTpyKTYypu 1 X 2 Ta
1 x 1. Ilepexin mixk aBoma ctamamm 1 X 2 = 1 X 1 3yMOBJIIOE BUHUK-
HeHHS ocrudIiit. Ileit MexaHiaM € BUBHAYAJHHUM DU HI3HKAX THCKAaX.
IIpu Bucokux Trckax HeoOXi/IHO BpaxoByBaTH B3a€MOJIIIO i3 ra30B0I0 da-
3010, a caMe GajsaHCc Mac i ra3oBol ¢dasu. IlikaBuM y 1IboMy ILIaHI €
TaKOYXK MEXaHI3M I[TO€IHAHHS HEKOJMBHOI MMOBEPXHEBOI KiHETUKU 3 0OMe-
JKeHHSIMU Ha Judy3io y ra3osiit dasi. [Ipu BpaxyBanHi TerioodbMiny ta
audy3il aToMiB KHCHIO Y IMIPUIIOBEPXHEB] MApHW KATAJII3aTOPa y CACTEMI
BUHUKAIOTH CKJIA IHI KOJTMBAHHS, 3yMOBJIEHH] KIHETUYHUMH 1 TEPMIYHIMUA
edekTaMi, & TAKOXK HERTPATIZYIOUOIO JTI€I0 XOJO0IHIX KPaiB Ha aKTUBHI
B KaTAJITUYHOMY ILJIaHI JIJISTHKUA.

OTke, IPOBEEHMIT OTJISIT JIA€ YSBJICHHS PO OCHOBHI MEXaHI3MU BU-
HUKHEHHsI KOJIMBAHb ¥ T€TePOreHHNX KATAJITUIHAX CUCTEMAaX, 30KpeMa, y
cucremi CO+02/Pt. Xapakreproto 0coBIMBICTIO YCIX PO3IVISIHY THX TYT
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MOJIeJIell € Te, IO BCi BOHU MOTPEOYIOTH icHyBaHHs OicTabiIbHOT 00/1aCTi.
Boanouac ciin 3ayBakuTH, 110 BCe K 3aJIMMIACTHCH HU3KA [NTaHb, HA
SIKi JIoCi HeMae JiTKOI BifnoBigi. 30Kpema, Iie He JI0 KiHIlsl 3’sICOBaHO0 €
posib mudy3il a1copbOBAHIX TaCTUHOK IO TIOBEPXHI KaTasizaTopa. Beaun-
Ka PI3HUIA y 3HaYeHHSIX KoedimieHTiB audysil aacopboBaHnX IaCTHHOK
gepe3 MexaHi3M oOMexkeHOl udy3il TaKoXK MOXKE CTBOPIOBATHA yMOBHU
JUIst ociusiiiiHol Kineruku. OJHAK, € OYEBUIHUM, 1110 KOPEKTHUIT OIIKC
TAKOr'0 MEXaHi3My BHMaraTHMe SBHOT'O BPaXyBAaHHS BILIUBY JIOKAJIHHOL
CTPYKTYpPH Ha XiMiUHY KiHETHKY. BiIKpUTUM TaKOXK 3aJIUIIAETHCS ITH-
TaHHS PO BUHUKHEHHsI Xa0Cy B TAKUX PEAKINITHWX cHcTeMax i 3’sicy-
BaHHS CIIEHAPIiIo, 38 AKUM TaKUH mepexis peasisyeTbcs. He3zpozymimmm
JI0 KiHIIA 3aJUIMMAETHCA MATAHHA PO KOHKYPEHIIO PI3HUX MeXaHi3MiB
BUHUKHEHHS KOJINBHUX PO3B’S3KiB, 1[0 MOXKe IPUBOJUTH JI0 IIOSBU TOH-
KOI CTPYKTYPH Yy HYacOBilf €BOJIIOII] i MOsBU XaOoTUIHUX PO3B’sa3KiB. ITi
Ta MOiOHI MUTAHHS BUMATaOTh OL/IBIN JIeTaJbHOIO BUBYEHHS 1 CTAHYTH
IIPEIMETOM HAIUX MOJAJIBINNAX JTOCI2KEHb.

Iloasika Asropu BuciaoBMOIOTHL BAguHicTs Harasi ITasienko 3a 06-
FOBOPEHHS 1 KOPUCHI ITOpaIn.
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