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Anomayia—Jloc1ifKeHO TBOBUMIPHY MaTeMaTH4YHY MOJe/b
okucHeHHs 4aaHoro rasdy (CO) Ha mnoBepxHi NJIaTMHOBOIO
karajizaropa (Pt) srinmo mexanizmy Jlanrmiopa-I'inmensyna,
sIKa BPaxoBy€ BIUIMBM NpoueciB mnepedyloBHM KATAJITHYHOL
noBepxHi  Ta Temmeparypu mignoxkkm. Ilokaszamo, 1o
BpaxyBaHHsl JIBOBHMIDHOCTI BeJe 10 3MiHH AMHAMIKHM mpouecy
OKHMCHEHHSl Ta [03BOJS€ OTPHMATH KOJHMBAHHS 3MilIAHOIO
pexRuMY.

Abstract—The two-dimensional mathematical model for
carbon monoxide (CO) oxidation on the platinum (Pt) catalyst
surface is investigated according to the Langmuir-Hinshelwood
(LH) mechanism. The effects of the catalyst surface
reconstruction processes and the substrate temperature are taken
into account. It is shown that when two-dimensionality is
accounted for, the dynamics of oxidation process changes and
mixed mode oscillations (MMO) can be obtained.

Knwuoei cnosa—kamanimuuna peakyia OKUCHEHHA; PeaKUiliHO-
ougysiitna modensv; mamemamuuHe MOOENIO6AHHA PEaAKYIliHO-
ougysiitnux npoyecis.

Keywords— reaction of catalytic oxidation; reaction-diffusion
model; mathematical modeling of reaction-diffusion processes
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L

OxucHenHst 4agHoro razy (CO) wna marusi (Pt)
BiIOYBA€THCSA 3TIMHO KIACHYHOrO MexaHi3my JleHrMropa-
lamensyna (LH) [1], sxuii onucyeTbcs HAaCTYITHUMHU
PIBHSHHSIMU peaKIiii

0,+2%—> 20,

Bceryn

CO+* < CO,,
CO, +0, —>CO,+2%

*

ne [I03HaYa€ BUIbHE aKTHBHE MICLIE Ha KaTaJiTHYHIH
MOBEpXHi, iHAekc “ads” — ancopOoBany a3y BiAmoBigHOT
PEYOBHHHU.

Oo6ungi pearytoui pedourn CO Ta xucenb (O,) MOBUHHI
ajcopOyBaTHCs Ha TMOBEPXHI KaTaji3aTopa JO TOro SK
BinOyneTbcsi peakiuis. AncopboBana wmonekyna CO Moxke
npopearyBatd 3 ajcopOOBaHMM Ha CYCIITHbOMY aKTUBHOMY
Micti atomom okcuceny (O). [IponykT peaxuii — Byriaekucauii
ra3 (CO,) — mBHAKO IecopOyeThesl 3 MOBEPXHI KaTaiizaTopa,
3aQUINAIOYN JBa BITBHUX MICII, JOCTYIHUX Ui afcopOrii
HOBHX peareHTiB. JlecopOrmiss 1 naudysiiHa pyXIUBICTH
aacopooBanoro O He BpaxoByeThes [2, 3].



Baxnugo [4] npu noOynoBi MaTeMaTHYHOT MO peaKiii
BpaxyBaTH CTPYKTYpHI 3MiHM TIOBEpXHI KaTali3aTopa, IO
BIUIMBAIOTh Ha IIBHUJIKOCTI 1HIIMX eJIeMEHTapHHUX MPOIECIB.

IL

PosrisiHeMO Mogmenb peakilii  KaTaTiTHYHOTO OKHUCHEHHS
CO, sxa BpaxoBye mnporiec audy3ii monekya CO Ha moBepxHi
riatuay Pt(110). Ha Biaminy Bin icHyrounx mopeneit [5, 6],
TIOBEPXHIO KaTajli3aTopa BBa)KATUMEMO IUIOCKOIO 3 33/IaHO0
JIeKapToBOIO cucTeMoro koopauHaT XOY. YacoBa eBOOIs
noBepxHeBux MokputtiB CO (u#) ta O (V) Ha mMOBEpxXHI
BU3HAYAETHCSl HACTYITHUMH KiIHETUYHUMU PiBHSHHAMH [ 7]:

OInrcC MATEMATHUYHOI MOJIEJT
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mudyzii CO B HampsMKy KOOpAMHAT X Ta ), BiJAIOBIIHO.
IToka3HMK cTemeHs ¢ =3 BpaxoBYe NPHTHIUCHHS ancopOLil
st CO ta O,, ockinbku aacopooBanuii CO cuibHilIe 0JI0Kye
ancopOIIiro KucHio [8].

Crpykrypuuii  dasosuit  mepexin (Ix1)«> (1x2)
noBepxHi Pt(110) Oynemo MomenmtoBatu Tax [9]:

Ha

nepebyoosa
E:kp,, (f(u)-m), (3)

Jie 3MiHHa W Tmo03HaYae 4acTKy IOBEPXHi HerepeOymaoBaHOl
crpykrypu (Ix1), f(u) — HecnanHa riajaka (yHKIlis
inrepsany [0, ]; koedilient k,, — MBUAKICTH CTPYKTYPHOTO
(asoBoro nepexoy.

®ynkuito f (1) 3MoiemoeMo Bupazom [6]:

(4)
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Jie Tapamerp u,
ancopOoBani Mosnekyau CO iCTOTHO BIUIMBAIOTh HA CTPYKTYPY
MOBEPXHi, & du — KPYTU3HA IIHOTO MOPOTY.

BHU3Ha4Ya€ 3HAYCHHA IIOpOry, BHUILEC SAKOT'O

KoeginieHT HamumaHHS KHUCHIO y piBHsaHHI (2)
MOJHU(DIKYETBCS 1 3aNUIIETHCS SK JTiHIIHA KOMOIHAIS 3HaYEHb
ans cTpykTyp (1x2), (Ix1):

S,

s, =+ (1-w)., (5

] 2 o .
Tyt sU ) 52 Koe(illieHTH HaJIMMaHHS KUCHIO y (azax

v v

(Ix1) Ta (Ix2), BiAnoBiHo.

[ocrifini mBHAKOcTel peakuii k., aecopOLil

r

k,, Ta
($a3oBOro mepexoy k,, 3amexarb Bin Temmepatypu T 1
I ATIOPSIKOBYIOTHCS piBHSHHSIM Appeniyca [10]:

E
k(T)=k" exp| —— |, (6)
ne k' — KoeiIlieHT, SKUi He 3aJIeKaTh BiJl TeMuepaTypu, £ —
€Heprist akTuBallii, R — yHiBepcalbHa ra3oBa craja.

PiBnstnns (1)-(3) cknagaroTs 3aIpOIIOHOBAHY JBOBUMIPHY
MaTeMaTU4Hy MOJIeNb Tpoliecy okcuaamii CO Ha moBepxHi
MJIATUHOBOTO KaTalli3aTopa.

I1I.

Jy1s1 94McIIoBOroO AOCHIKEHHST 3HEPO3MipUMO piBHSHHS (1)-
(3) BUKOPHUCTABIIH ITiICTAHOBKY:

YUCJIOBUI AHAJII3 MOJEJI

u= usatU > V=VSmV, (7)
x=L%, y=17y, t=ti, (3)
e
f = ©)
puKusu

ITapamerp [/, BuOMpaeMo 3 eKCHEPUMEHTAIBHUX JaHUX 110

po3mipax kpucraiy Pt, 3rigso sxux /, [ 707 em [11].

VY 3ueposmipeniii ¢opmi piBHsHHEA (1)-(3) ckiamaroTh
MaTeMaTUYHy MoJiesb peakuii okucHenHs: CO Ha noBepxHi Pt:
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Benuunnu rlapaMeTpiB, SIK1 BUKOPUCTOBYBAJIMCSI B

YHCIIOBUX PO3paxyHKax, HaBeneHi B Tabu. 1 [7]. INapuianbhi
THCKH p, Ta p,, a TAKOXK TeMmiepatypa I BiAirpaioTh poib
KOHTPOJIBHUX TapaMeTpiB MOJIETI.

Pesynbratu uucioBoro aHamizy momeni (10) momaHo Ha
Puc. 1-9.

3 Puc. 1-9 BuaHO, 10 TUHAMIKa 3aJI€KHOCTI TIOBEPXHEBUX
nokputtis U (x,y,t), V(x,y,f), YacTKu  TOBEPXHi

HeriepeOynoBanoi cTpyktypu (I/x1) W (x,y,t) Mae sckpaBy
OCHWISLIAHY MOBENiHKY. AMIUNTYIHI 3HaYeHHS KOJMBaHb
3MIHIOIOTBCSI 31 3MIHOIO ) -KOOPIWHATH, IO TOBOPUTH MPO

BB qu¢ysii CO B310BX oci Oy , HE3BaXAIOUU Ha Te, 110
D, 00,1D, [3,11].

Ha BigMiny Bin omHoBuMipHOi Moneni [12], po3paxoBana
HAMHM JIMHAMIKa 3QJIOKHOCTI  MOBEPXHEBUX  IOKPHUTTIB
JEMOHCTpYE  KONMBAaHHA  3MIIIAHOTO  PEXUMY,  fKi
criocTepiralotbest excriepumenTanbo Ha Pt(110) [13]. Sk
BUJHO 3 YacoBUX psiuiB Ha Puc. 1-6, Mani KONMBaHHSA € Ha
MOBEPXHI MEPEBAKHO BKPUTiHl O, IO TaKOX Y3TODKYEThCA 3
€KCIIEPUMEHTOM.

Puc. 1. 3anmexuicts mnoBepxueBoro mnokpurts CO U(x,y,f) mnpu
(ikcoBaHOMY 3HaueHHI KoopauHatH y = 0,25.

Puc. 2. 3aneXHICTh MOBEPXHEBOTO  MOKPHUTTS
¢ikcoBaHOMY 3HaueHHI KoopauHATH ¥ = (,5.

CO  Ux,p,b)

npu
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Puc. 3. 3aneXHICTh MOBEPXHEBOTO  MOKPHUTTS
(ixcoBaHOMY 3HauYeHHI KoopauHaTH y = 0,75.

CO  Ux,y,t) npu

Puc. 4. 3anexHicte nmoBepxHeBoro nmokputrst O M(x,y,f) npu
3Ha4YeHHi koopauHat y = 0,25.

(ixcoBaHOMY

0.05-

Puc. 5. 3anexHicts nmoBepxueBoro nmokputrst O M(x,y,f) npu
3Ha4YeHHI koopauHat y = 0,5.

(ixcoBaHOMY
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W
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Puc. 6. 3anexHicts nmoBepxHeBoro nmokputrst O M(x,y,f) npu
3Ha4YeHHi koopauHat y = 0,75.

(ixcoBaHOMY
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Puc. 7. 3anexHIiCTh YacTKH IOBEpXHI HemepeOymoBaHoi cTpykTypu (Ix])

W(x,y,f) npu  dikcoBaHOMY 3HaUeHHI KoopauHatu y = (0,25.
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Puc. 8. 3anexHICTh YacTKH IOBEpXHI HemepeOymoBaHOi cTpykTypu (Ix])

W(x,y,f) npu  ikcoBaHOMY 3HaUeHHI KOOpAUHATH ¥ = (,5.
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Puc. 9. 3anexHiCTh YacTKH IOBEpXHI HemepeOymoBaHOi cTpykTypu (Ix])

W(x,y,f) npu  dikcoBaHOMY 3HaUeHHI KoopauHatu y = 0,75.
BuUCHOBKM
Y pobotri mnoOymoBaHO Ta JOCTIIDKEHO JBOBHMIpHY

MaTeMaTU4Hy MOJelIb OKHCHEHHS YaJHOro Ta3y 3TiiHO
MexaHisMy  Jlanrmiopa-IinHmenByna. IToxazano, 10
BpaxyBaHHS JBOBUMIPHOCTI JO3BOJA€ OTPUMATH KOJIMBAHHSA
3MIIIAHOTO PEXHUMY, SKi HE BIAaBaIOCh IependavYnTH
OJHOBUMIipHOIO Mozeitio [12] 0e3 ypaxyBaHHS PiBHSHHS ISt
3MIiHM CTYIEHsI OrPaHIOBaHHS [5].
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