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BbIxon NnpoayKToB peakiiiy 3aBUCUT OT B3aUMOAEHCTBUSI MEXTY MPOIlleCCaMU Ha MTOBEPXHOCTH KaTalu3a-
TOpa: ancopOIM, aKTUBALIMHY, TECOPOLIMU U IPYTUX. DTU MPOILIECCHI, B CBOIO OUepeb, 3aBUCAT OT BEJIMIUH
MOTOKOB PEaKIIMOHHBIX CMeceil, TeMIepaTyphl 1 JaBjieHUs. B cTallMoHapHBIX YCIOBUSIX aKTUBHBIE LICHTPbI
Ha IMOBEPXHOCTU MOTYT ObITh OTPaBJIeHbI TOOOUYHBIMY NTPOAYKTAMU PeaKIINK WJIM 3a0JIOKMPOBAHBI N30BIT-
KOM aJicopOMpOBaHHBIX MOJIEKYJI peareHToB. JIuHaMUUeCKUil KOHTPOJIb ITapaMeTPOB PeaKIIuu YYUTHIBACT
M3MEHEeHUsI CBOMCTB MOBEPXHOCTH Y COOTBETCTBYIOIIUM OOPa30M PETyIMPYeT TeMITepaTypy, CKOPOCTH MO~
TOKOB U Apyrue napameTpsl. [IpyMeHeH aaroputM o0y4eHusl C MOAKPEeTJIeHeM [IJIs1 yIIpaBJIeHUs peaKiv-
et okucaeHus yrapHoro raza CO Ha MOBEpXHOCTY HAHOYACTUII ITajuiagusi. AJITOPUTM ObLI HATPEHUPOBaH
MaKCUMM3UPOBATh CKOPOCTH ITPOU3BOACTBA YIJIEKMCJIOTO ra3a Ha OCHOBe MH(MOPMAIIUU O BEJTMYMHAX IO~
TokoB CO, O, u CO, Ha KaxX10M BpeEMEHHOM Luare. bbll BBIOpaH aJlrOPUTM IPaiUEHTHOM MOJIUTUKH C HE-
MPEPBIBHBIM MTPOCTPAHCTBOM JIEHCTBUIA, M paclliMpeHbl HAOII0EHUS 32 CKOPOCTSIMU MTOTOKA Ha HECKOJIBKO
MOCJIeIOBATEILHBIX BPEMEHHBIX 111aroB, YTO TO3BOJIMJIO TIOJYYUTh HAaOOp HeCTallMOHAPHBIX PEIIeHUIA.
MakcuMabHbIN BBIXO MPOAYKTA IOCTUTAETCS TPY TTEPUOINIECKOM U3MEHEHU U ra30BbIX TIOTOKOB, 0Oec-
revyuBaoleM O0ajaHC MeXAy AOCTYMHBIMU LIEHTPAMU afcopOLUMU M KOHLIEHTpalUUeid aKTUBUPOBAHHBIX
WHTEPMEANATOB. DTa METOMOJIOTUSI OTKPBIBAET MEPCHEKTUBBI ISl ONTUMU3ALMN KaTAIUTUUYECKUX peaK-
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BBEIAEHME

Hanouactunbl 671aropogHBIX METAJIJIOB, B 4acT-
HOCTH TaJUIafvsl, — U3BECTHBIEC KaTaIn3aTOPEl MHO-
KeCcTBa XUMUYECKMX peaKLuil okuciaeHus [1] u Boc-
craHoBlieHUs [2]. X karaauTtudeckasi aKTUBHOCTh
IMMOMMMO pa3Mepa yacTuil [3] 1 MaTepuasia IMomJIOXKU
[4] Takke BO MHOTOM oTIpenenseTcsd n (popMoit Ha-
HouacTull [5—8]. B ctarmmoHapHBIX YCIIOBUSIX IIPOTE-
KaHUS peaklMM MOBEPXHOCTh KaTajau3aTopa MOKET
JerpagrdpoBaTh 3a cUeT pOpMUPOBAHUS OKCUIOB [9],
Kapounos [10] mnm agcopOMpPOBAaHHBIX MOJIEKYJ C
OouteIION dHEprueit cea3m [11].

Jnsa 3amenneHus npoiiecca GOpMUPOBAHUS BTO-
PUYHBIX (a3 Ha TIOBEPXHOCTHU U ITOBBILICHUST aKTUB-
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HOCTH KaTaJiM3aTopa YCJIIOBUS IIPOTEKAHUsSI peaKIUuu
MOXHO M3MEHATh muHamudecku [12]. Hampumep,
IIpU IIPOBEACHUN KaTaJIUTUYECKOTO LIMKJIMPOBAHUSI
Ha OTIEJIbHOM CTaIuM LIMKJIA ITOBEPXHOCTh KaTalr-
3aTOpa MOXET OBITh HPUHYAUTEIHHO OUMIIICHA OT HE-
XKenaTeJIbHBIX IIPOAYKTOB M, TaKUM 00pa3oM, OCY-
IIECTBJIEHA €€ pereHepanus Ijsl JyJIlero 3aceJIeHUsI
XXeJlaTebHBIMM peareHTaMM Ha Apyrux cragusx [13].
HMcnonb3oBaHre BHEITHUX BO3MYIIEHUI MOXET IIpU-
BECTU K OOJIBIIEMY IIPEUMYIIECTBY TMHAMNIECKOTO
peXuMa 110 CpaBHEHUIO CO CTAllMOHAPHBIM, YTO HC-
MOIB3YETCs JIs pa3pabdOTKM HeCTallMOHAPHBIX peaK-
TOPOB C JIYYIIIMMHU XapaKTepucTukaMu. B yacTHocTH,
MOMOYJISIIIUM peaKIMi MOHOOKCHUIA yIjepoaa Ha Io-
BEPXHOCTM HAHOKATaIM3aTOPOB OJIATOPOMTHBLIX Me-
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TAJUIOB IIPEICTABIISIIOT OCOOBIN MHTEPEC, ¥ UX MHTEH-
CHMBHO M3YYalOT: 3TO HE TOJIBKO PacIIpOCTpPaHEHHAas
MoJeabHas peakus st GyHIaMEHTATbHBIX UCCIIe-
JIOBaHMIA B 00JIaCTU TeTepOoreHHOro karanusa [14—18],
HO U IIMPOKO MCIIOJIb3YeMBbIi B HACTOSIIEe BpeMs
MpOLecC B aBTOMOOMJIBHBIX KaTaJIUTUYECKUX KOH-
BepTepax. TamM TpexxomoBble KaTajJM3aToOphl IeprO-
JIMYECKH ITOABEPraloTCs OKUCIUTEIbHOMY (BO3MYyIII-
HEBI1 pEaKTOp) U BOCCTAHOBUTEIBHOMY (TOIIJIMBHBIA
peaKTop) pexXruMaM, U TaKoe LIMKJIMPOBaHME IT03BO-
JIIET PE3KO YBEIWYUTh 3(P(PEKTUBHOCTh UTOTOBOM
koHBepcuu CO B CO, [19-21].

ITouck onTHManbHBIX PEAKIIMOHHBIX YCJIOBUA SIB-
JISIeTCSl CJIOKHOM 3amaveil paxe IUisl CTallMOHAPHBIX
PEXMMOB M 3HAUUTEIBbHO YCIIOXHSIETCS B Ciiyyae qu-
HaMUWYeCKU U3MEHSIOLIMXCS TTapaMeTpoB. OTHUM U3
TEePCHEeKTUBHBIX MOAXOAOB IJISI pEIICHUS TaHHOI 3a-
Jlayu SIBJISIETCS MCIIOJb30BaHUE MAIIMHHOTO O0yyYe-
HUd [22, 23] 1, BYaCTHOCTU, OOYUSHUS C TTOJKpETIIe-
HYeM (M3BECTHOTO B 3apyOexHoil nuTeparype Kak
Reinforcement Learning) [24—26] ot mpOrHO3MpoO-
BaHUS HAWJIYY1IEero JUHAMUUYECKOTO peXXrumMa U yCiio-
BUI MpOTEeKaHUsI KaTaTuTUdeckux peakuuii. Hemas-
HO B [27] oG0oCHOBaIM KOHLEIIINIO UCTIOJIB30BaHUS
MAallIMHHOTO O0Y4YeHMS C TMOAKPETJIeHUeM AJIsl ONTH-
MU3allM1 BbIXOAAa BOJOPOJA B peakiuu YaCTUYHOTO
okuciaeHus: MetaHa. C 3TOM LIeJbI0 OHU OOYYMJIU
areHToB Q-00yuyeHus [28, 29] 1 rpagreHTa ITyOo0KOit
JIeTEpPMUHUPOBAHHOU MoauTUKY [30] 1151 TpOTHO3U -
pOBaHMs MIPOU3BOJICTBA BOJOPOJA MyTEM PETYIUPO-
BaHUS TEMIIepaTypbl, 1aBJI€HUSI, CKOPOCTU TOTOKA U
cocTaBa TIOIJIOXKKU B CMOJETMPOBAHHOM peakTope
HUIeaJIbHOTO BEITeCHeHMsI. ABTOpPHI [31] mpomeMoH-
CTPUPOBAJIU MPUMEHUMOCTb MAIlIMHHOTO OOY4YeHUsI
C MOAKPETJIEHUEM B COUETAaHUU C TIPOTHOCTUYECKUM
KOHTPOJIEM 9KOHOMUYECKOI MOJIENIU LISl IPOU3BO/I-
CTBa OKCHJa 3TWieHa. Takke, UCIOJb3ys MyOoKoe
oOydeHMUe C MOoJKpeTIeHrueM, paHee ONTUMU3UPOBa-
JIV pa3JIMYHble MUKPOKaMeIbHbIe XUMUUECKHE peaK-
IUW, HATpUMEP CUHTE3 U30XWHOJIMHA, 3aMEIIeHHO-
ro XMHOJIMHA U pubo3odocdara [32]. B pe3ynbrate
JIAaHHBII TTOAXOM MO3BOJUI YTOYHUTh ONTHUMAaJIbHbIE
9KCIIepUMEHTAJIbHbIE YCIIOBUS, YTO NaJ0 BO3MOX-
HOCTb YBEJIMUYMUTb CKOPOCTb MPOTEKAHUSI peaKIIvid.
B Hacrogieit pabote nmpoBeaeHa ONTUMU3ALMS Ma-
pameTpoB peakuuu okuciaeHus CO, mpoTekarouieit
Ha MOBEPXHOCTU HaHovacTull Pd, ¢ ucronb3oBaHuem
MOJAX0Ja MAIIMHHOTO OOYUYEeHUS C MOAKPEIIEHUEM.

OKCITEPUMEHTAJIbHAA YACTb

AJropuT™M OOy4YeHUS C MOOKpEIUICHUEeM TpeOyeT
MHOIO MPOOHBIX 1IAroB 1Jjisi ooydyeHusi. McrblTaHus
BBITIOJIHSIIOT MOCIEA0BATEIbHO IJIsl pa3HbIX 3Haue-
HUI TTapaMeTpOB, BEIOMPAEMBbIX aITOPUTMOM, U TAKUM
00pa3oM MOKPBIBAIOT BaxKHBbIE OOJIACTH IIPOCTpPaH-
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CTBa IMIapaMETPOB peaKINU. DTOT ITOIXO OTIINIACTCS
OT MAIlIMHHOTO OOY4YEHUS C YIUTEeIeM (M3BECTHOTO B
3apyOexxHoil mTepatype Kak Supervised Machine
Learning), Korna Becb HaOOp UCTIBITAHUI TIEpeIacT-
cs aJITOpUTMY Mojab30BaTeeM. B aToMm paznene onu-
IIIeM MaTeMaTUYEeCKYIO MOJIEIb peaKIIMU OKUCICHUS
CO, ocHOBaHHYIO Ha cucTtemMe auddepeHInaIbHbIX
YpaBHEHMI1, KOTOpasl CIYKUT Cpemoil Ijisi 00ydeHUs
aJITOpUTMa.

Cxema peakuum oxkucieHuss CO Ha Pd moxer
OBITh OTIMCaHa ypaBHEHUEM:

2CO + 0, — 2CO,. (1

Oxkucnenune CO Ha HaHo4yacTuLax Pd MoxHO pasne-
JINTH Ha YEThIpE 3JIEMEHTAPHBIX 3TAra M0 MEXaHU3MY
Jlearmiopa—XwuHmenbByaa [33, 34]:

CO + Pd*—% 5 COyy, (2
COpy; —r2—CO + Pd*, (3)
0, + 2Pd*—*%520,,, 4)
COpy + Opy —X—CO, + 2Pd*, 5)

rae Pd* — cBoGonHBbIl LIEHTp aacopOuuu, a k; — KOH-
CTaHTa CKOpPOCTH cTamum i = 1—4. 3HadeHUsT KOH-
CTAHT CKOPOCTH OIIPEIEIUIN, MCIIONb3YsI CICIyIO-
e opMyJIbl:

k=<0, ©
Hpg
E
k, = vyexp| ——% |, 7
2 2 p( kBT] (7)
F
ky =—2, (8)
Npy
E
ks = v,exp| ——% |, 9
4 4 p( kBTJ )

e Feo u F,, — notoku CO u O,, COOTBETCTBEHHO,
Npy — TTOBEPXHOCTHAsI TUIOTHOCTh aToMOB Pd (np; =
= 1.53 x 10" Mm72?), v, — 4acTOTHBIi (dakTOp DJI€-
MeHTapHOi peakuu i (v, = 10° ¢ 'u v, = 1072 ¢,
E, — sHeprusi akTUBalMK 3JIEMEHTAPHON peakLnu i

1]
(E, = 136 k/Ix - monb~! u E, = 59 k/IXx - Mmonp™}),
kg — xoHcTaHTa bonpiimMana (kg = 0.008314463 kX -
-monp~! - K71, T — temneparypa o6pasua (440 K).
151 KOHCTAaHTBI CKOPOCTU ypaBHEHUs (4) B BhIpaxke-
Hue (8) ObUIM DOIOJHUTEIHLHO BBEAECHBI MOIPaBKU
Ha Jerpafaliiio U pereHepalyio MOBEPXHOCTH KaTa-
JI3aTopa ¢ TCUeHUEM BPEMEHU:

e K
ky + k| 0.25— =22 |Ar, =25 0.25

PCO CO

ky = (10)

£ K
Ky + (1= k). 0252 |Ar, =22 <0.25.

CcoO CcoO
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rae V; — napameTp, ONUCHIBAIOIINIA CKOPOCTb Aerpa-

nanuu nosepxHoctu (V; = 0.01 c_l), At — BpeMeH-
HOII MHTEpBaJl, B X0lIe KOTOPOTO MPOUCXOAUT Jerpa-
Hauust Win pereepauust, Foq U B, — mapuuaibHbie
nasieHust CO u O,, V., — nmapameTp, ONUCHIBAIOLIUIA

CKOpPOCTb pereHepauuu nosepxHoctu (V, =1.5 c_l).

B cnyyae, ecim gonss CO B cmecu Obuta Majia (OTHO-

P P
% > 2), Bdopmye (9) —2=

CcO CO
MaJIi paBHbIM [BYM, YTOOBI OIrpaHUYUTDb CKOPOCTb

Jerpajaluu Katajiuzaropa. B naHHoO Monesu u ObL1
MCMOJIb30BaH TOT (haKT, YTO U3MEHEHNE aKTUBHOCTH
MOXET OBbITh CBSI3aHO, HANpUMEp, C POCTOM HOJIU
npuMecHOU (a3bl Ha IMOBEepPXHOCTH Mauiamus [9].
HamepeHHo Ob110 BBIOpaHO cooTHOLICHUE Fyy, @ Fog =
=1 : 4 B KayecTBe MOrpaHUYHOrO (Tae KaTaauzaTop
He TMoIBepraercsl Aerpajallid WIM pereHepanun),
MOCKOJIbKY OHO AaJIeKO OT CTEXMOMETPUUYECKOTO CO-
OoTHOWEHUst By : Feg = 1 : 2, 4TO MO3BOJISIET MOy~
YUTh HECTallMOHApHBbIe pellleHus. BennunHy notoka
OIpeAesIu C UCTIOIb30BAaHUEM TaplUaIbHBIX 1aB-
JICHUI COOTBETCTBYIOLIUX ra30B Mo hopmysiaM:

HIE€HUE ITIOTOKOB

MPUHU-

Feo = ———, (11)

==, (12)
2ntM,

N kgT

rne Feo n R, — napunanbHbie gasneHust CO u O,,
Mco n My, — monexynsipabie Maccel CO u O,
(Mo =28 x 107 xr - momb™' u M, =32 x 107 kr -
-monp~ '), N, — mocrostHHast ABoranpo. Ha ocHoBe
3TOI1 MOZIEIM MOXKHO BBECTU YPaBHEHMSI [UIsI TIOKPbI-

THA MMOBEPXHOCTU MOJIEKYJIaMM MOHOOKCH A yIrji€po-
Ja 1 aToMaMM Kucjaopozaa:

dt

dO,
—2 =2k.S5. — k40060,
i 390, 4YcoYo

= kiSco — kzeco - k4ecoeo, (13)

(14)

rae O M 0y — MOKPBITHS MoBepxXHOCTH Pd Moseky-
mamu CO n aToMaMu KUCIOpOna, a Sco U S, — COOT-
BETCTBYIOILIME KO3(PPUIIMEHTHI TIPWINITAHNS (U3BECT-
HBIe B 3apy0exHoii jmreparype Kak sticking coeffi-
cients). 3aBUCUMOCTU KO3 (DDUIIMEHTOB NPUIUIIAaHUS
Sco and S, OT MOKPBITHUST U TeMITePaTyPHBIX ek -
TOB ONpeae/siiv Mo hopMyJiaM:

0 0
Sco:S<0:0 1- ﬁgx_ T n?ax > (15)
eCO GO
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0 1-8c0 _ 8o _8c0 _ 80
So, = 68 80" 0co 0o (16)
01 eCO _ 6O

T max max
eCO eO

0 0
e Sco ¥ Sp, — HavaIbHbIe KOP@PUIMEHTHI TPUITH-
MaHusl IIPU HYJIEBOM IOKPBITUA COOTBETCTBEHHO,

Sgo = 096 u or TeMIepaTypbl HE 3aBHUCHT,
ng = (0.78—7.4)><1074T, rne T — temmeparypa 06-
pasia, 0.y =0.5u0," = 0.25, C; GbUI IPUHST paB-
HbIM 0.3. TTapameTpbl Moaenn ObLIU B3STHI U3 [35].
Hrorosyio ckopoctsb popmupoBanust CO, (1o, ) onpe-
JeJsiiu 1o (hopMyJie:

Ico, = k4Bc00o. (17)

PE3VJIBTATBI 1 UX OBCYXIEHHWE

KiroueBoIMM MMapameTpa ajaroputMa oOydeHMUs C
MONKPETIJICHUEM SIBJISIOTCS Cpelia U areHT. ATEHT Bbl-
MOJHSET NEMCTBUS Ha OCHOBE IOJIUTUKHU, 3adaBac-
MOI HEeWipOHHOI1 CeThl0, KOTOpas MoJiydaeT Ha BXOJ,
3HAYEHUSI HaOJII0gaeMbIX ITApaMETPOB M3 Cpedbl U
Ha BBIXOJI€ BbIIAaeT IeiicTBUS. BbLI MCITONMb30BaH ai-
TOPUTM TpagueHTHOI TMoauTUKM Vanilla Policy Gra-
dient (VPG) c HemnpepbIlBHBIMM 3HAYEHUSIMU Jeii-
crBuii. I[lomuTka anropmTMa OOHOBIISIACH UTEpa-
HMOHHO B XOAe 00yYeHMsI Ha MOJIEIIM, IIOCTPOSHHOM
Ha ocHOBe nuddepeHIaIbHbIX YpaBHeHUI1. 1lenbio
00y4eHMsI ObIJIa MAKCUMU3aLUS MHTETPaJIbHOTO 3Ha-
YeHUSI Harpaabl B U3MEHSIIOIINXCSI YCIOBUSIX CPEIbI.
Mogenbs 1 0Oy4eHMEe OBLJIM 3alTporpaMMHPOBAHEI Ha
sa3e1ke Python ¢ ncnons3oBannem 6mbdmmorexku Ten-
sorforce u ppeitmBopka Tensorflow. I1pu onnTumm3a-
1 KO3PPUILIMEHTOB HeIipOHHOI CETH UCIIOIb30Ba-
Jiu ckopocthb ooydyeHus 0.001. Ha Bxoabl HeiipoHHOI
CeTU TI0JaBaJIi HOPMUPOBaHHbIC 3HAYEHUS TTIOTOKOB
rasosB, NpuBeAcHHBIC K nuana3oHny [0; 1]. Cxema pa-
OOTHI aJITOpUTMAa MTOKa3aHa Ha puc. 1.

Anroput™ VPG o0ydyeHUs ¢ TOOKpEIIEHUEM OT-
HOCHTCS K KJTacCy aJlTOpUTMOB on-policy, T.e. ajaro-
PUTMOB, KOTOPbI€ ONITUMU3UPYIOT ITOJIMTUKY areHTa,
0a3upysICh TOJBKO Ha MHMOPMaALUU, IIOJIYYEHHON B
XOJIe MCIOJb30BaHUS TeKylleil monutuku. Iomuru-
Ka — (pyHKIMS, onpeaessolias, Kakoe neiicTBre 0y-
JIeT BBIOMpPATh aJITOPUTM MCXOMAS U3 TEKYIIIETO COCTO-
aHug cucteMbl. OOydeHMEe areHTa MPOUCXOIUT B
TedyeHHe OOJIBIIOr0 YHMcja SIIM30I0B OOYy4YeHUS.
AJTOpUTM B TeYEHHUE 3MKU304a IIUTEeIbHOCTHIO 500 ¢
MPUMEHSIET NOJIMTUKY, 3aIIpOrpaMMUPOBAHHYIO B BULIE
HeWpoHHOU ceTu. 3afaya Mo HAaXOXIACHUIO areHTOM
ONTUMAJIbHON IOJUTUKU CBOAUTCS K ONITUMU3AIIUN
nmapaMeTpoB TMOJUTUKU — BECOB HEMPOHHOI CETHU.

2023
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Puc. 2. Cymmapnsrii Beixon CO,, IeNeHHBI Ha [UIMHY
3Mn30/a, KaK QYHKIUSI OT HOMepa 3MM30/a.

JeiicTBHe areHTa B HACTOsIIIEi paboTe 3aKI04aeTCs
B usMeHeHuu notokoB CO u O, kaxabie 10 ¢ mpous-
BOJILHBIM 00pa3oM B TIpeliesiaX 3aJJaHHOTO I1ana3o-
Ha. Ha Bxon HelipOHHOIi CeTU MoJaloT HOPMUPOBAH-
Hble 3HaueHus notokos CO, O, u CO, Ha TeKylleM
mare 1 (OIIIMOHAIILHO) 3HAYEHUSI COOTBETCTBYIO-
II1X IIOTOKOB Ha OJHOM WJIY IBYX IIPEIbIAYINMX IIa-
rax ooydyeHusi. Ha BbIXoJie CYUMTHIBAIM HOBbIE 3HaUe-
Hus 110ToKoB CO u O,. 1o oKOHYaHUIO 3110XU 00yye-
HHS KO3 PUIIMEHTH HEHPOHHOM CeTH OOHOBIISIIOTCS
COIIaCHO MpaBUIIy:

Bpi1 = 6, + 0V (J (1)), (18)
roe O — Beca HeilpoceTu, T, — TMOJUTHKA areHTa,
J(mg) — oxumaemast KyMYJSITUBHasi Harpana [UIst
JTAHHOU MOJMUTUKU Ty. [panueHT B popmyse (18) Ho-
CUT Ha3BaHUE rpaaueHTa noautuku. Harpama J BbI-
YUCTISIETCS KaK MHTerpajbHbI Bbixon Mojekysn CO,
peakimu okucienust CO + O,. Ha puc. 2 nokasaH npu-
Mep o0y4yeHus1 aJiropuTMa Ha rpoTsekeHuu 10000 smu-
30m0B. HabGmromaercss HEMOHOTOHHOE YBEIWYEHUE
Harpazasbl, IOJIydaeMoil aiIrOPUTMOM 3a OIHY BIIOXY.
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Br160op crioco6a HarpaxkneHUs 1 crielInPUKaIim co-
CTOSIHUSI M ICHCTBUSI OIIPENEIISIIOT Ka4eCTBO U CKO-
pOCTb OOyYEeHMS aJITOpUTMA.

YT008BI O11eHUTH 3P PEKTUBHOCTH PEIICHWI, Hali-
JIEHHBIX aJITOPUTMOM OOYYEeHMSI C MOOKPEIUICHUEM,
OBLIIO IPOBEICHO CPaBHEHME UX C PEIICHUSIMM, Hali-
JIEHHBIMUM MHBIM MeTOIOM. PaccMaTpuBain cymmap-
Hblli Bbixoa CO, 3a anu301 Kak (PyHKIMIO OT MOTO-
KoB O,(%) u CO(?): R = R(O,(7), CO(r)). danee pac-
CMaTpUBaIM TOJBKO CTAllMOHAPHBIC PEIICHUS, T.C.
Ttakue, 4yto O,(f) = O, = const, CO(r) = CO = const.
3aTeM MakCUMU3MPOBaIM R Kak (YHKIIUIO ABYX Be-
IIECTBEHHBIX MEePEMEHHBIX, UCTOJb3YsT MeTon He-
nepa—Muna, wm cuMinieke-Merorn [36]. IonyueH-
HOE CTallMOHApHOE pelleHNe MWCIIOIb30BaIN OIS
CpaBHECHUS C pElICHUEM, HaliIcCHHBIM OOyJYeHHEeM C
MOAKPEIUICHUEM.

B ta6n. 1 cobpaHbI pe3ysibTaThl TPEHUPOBKHU B Te-
yeHue 10000 snu3omoB IsT pa3HBIX KOMOWHALIUIA.
Kak BumHO, Hamrydiee Ka4yecTBO OOydeHUs OBLIO
JNIOCTUTHYTO MpPW MCIIOJb30BaHUM WHGOpPMAIMU O
MOTOKAaX ra3oB Ha MPOTSKEHUU TPEX MOCAEIHUX 1Ia-
roB 1o BpeMeHH. [locie TpeHUPOBKU aJIrOpUTM
MOXHO TIPUMEHSITh IS ONITUMAaJIbHOTO yIpaBIeHUS
9KCIEpUMEHTAIbLHOM ycTaHOBKO# cuHTe3a. Ha puc. 3
MoKa3aHbl pe3yabTaTbl HAWAEHHOMW TOJUTUKM IJIs
ypaBHeHuit (1)—(3) co ciaydaliHBIMM HadYaJabHBIMU
YCJIOBUSIMU, TOJYYEHHBIMU C TTOMOIIILIO ONTUMU3A-
uu (puc. 3a), M MOJIUTUKA, HaliIeHHAsT aITOPUTMOM
obOydyeHUs1 ¢ moakperuieHueM (puc. 30) COOTBET-
CTBEHHO C MCITOJIb30BaHUEM MoJeau 6e3 ydeTa Je-
rpajgaiuu.

M3 pucyHKOB BUJHO, YTO MPU OTCYTCTBUU B MO-
JleJIV ydeTa ieTpaialuy KaTaimu3atopa ailTlopUTM Ha-
XOJIUT CTallMOHApHOE pellleHue ¢ GUKCUPOBAaHHBIMU
MOTOKaMU ra3oB, 0JIM3KOe K HalilIEeHHOMY ONITUMU3a-
e, ¢ cootHoleHrueM otokoB CO : O, okoso 0.446.
CxoxXJieHue ajroput™Ma K MOCTOSIHHOMY DPEIIeHUIO
MOXHO OOBSICHUTH T€M, UTO JI0JIsI TIOBEPXHOCTH, J10-
CTYITHOM 151 mpoTtekaHus peakiuu CO + O,, ocTa-
€TCsl HEM3MEHHOM B Mpollecce CUHTe3a U OJIU3KOM
K ONITUMaJIbHO#. B maHHOM cilyyae mepuoauyeckas
peakTuBalMsl TIOBEPXHOCTU KaTaau3aTopa IOBbI-
IIIEHHBIM TOTOKOM KHCJIOpO/ia HE MPUBEIET K YBEIU-
yeHuto Beixoaa CO,.

Ha puc. 4 mpuBeneHs! pelieHus, OJTyIeHHEIE IJIsI
MOJIEJIEN C yU4EeTOM JIeTpafallii; CTallMOHAapHOE pellle-
HHe, HaliIcCHHOE C TTOMOILIBIO ONITUMM3ALUK (puc. 4a),
U pellleHue, HaliIeHHOEe aJlITOPUTMOM OOYUYEeHUS C
nonkperuieHueM (puc. 460). CpaBHeHue Boixoaa CO,
MOKA3bIBAET, YTO JJISI MOJICIIN C YYETOM Jerpagaliii ajl-
TOPUTM CMOT HaiiTh TMHAMUYECKOE PElIeHIe, KOTOPOE
obecrnieynBaeT 3HAYMTENBbHO OobLINii Bbixon CO,.

Ilpy nmnuTenbHOM HAaXOXIEHWM KaTajau3aropa
nautagus B atMocdepe ¢ HepaBHOBECHBIM COIepKa-

Ne 3 2023
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Ta6mmma 1. BeI60p coCcTOSTHUS TSI TPDEHUPOBKHU aJITOPUTMA M MHTETPATBbHBIN BBIXOM MPOIYKTOB PeaKIIUU 3a OTHY ITTOXY

CocTrostHUE

BbIXomI MPOAYKTOB peakIluM 3a 3IOXY, OTH. ell.

IToroku ra3zoB Ha TCKYLIEM I1are 1o BpEMEHU:

Obs, = (CO, 0,, CO,) 8.54
IToToku ra3oB Ha TeKylIeM

. 9.35
U MpeabinyleM mare no speMeHu: Obs,, Obs;
[ToToKM ra3oB Ha Tpex MOCJIEAYIONINX 111arax 10.16

o BpemeHu: Obsy, Obs;, Obs,

HUEM KHCIIOpoaa WM MOHOOKCHUIA YIJIepOaa MOXKET
o0Opa3oBbIBaThcsl (paza KapObuaa Uil OKCuUia, KOTO-
pas yXyamaeT KaTaTUTHIeCKNe CBOMCTBA TIOBEPXHO-
ctr. B yacTHOCTH, BO3MOXKHO YMEHBIIICHHE TOJTH TT0-
BEPXHOCTU, JOCTYMHON IJIsI MPOTEKaHUs peakiuu
CO + 0O,, u yBenuueHue sHepreTuyeckoro 6aprepa
9TO#l peakluu. DTO OOBSICHSET, TIOUEeMYy aJITOPUTM
MpearoyesT Mepuoaundeckoe yYMEHbIIIEHNE ITOTOKOB
CO u O, B npotuBodase, Mpu KOTOPOM TIpUMecHast
¢a3a Ha MOBEPXHOCTHU He ycIieBaeT chOpMUPOBATHCS

(@)

10} 0
o 8r
=
5 o Co
[aa]
g AT
2_
0 1 Il Il Il Il Il
0 100 200 300 400 500
Bpewms, ¢
(8)
10+ O,
. st f
=
E‘I 4l CO
2k
O | | | | 1 1
0 100 200 300 400 500
Bpewms, c

W pa3pymiactcida B N30BITKE Kucjaopoga, BCICACTBUC
qero I/IHTCrpaJIBHbIﬁ BbBIXO/, C02 YBCIMYMUBACTCA.

IMonyueHHBIEe pe3yabTaThl COIIACYIOTCSI C DKCITe-
pUMeHTaJIbHBIMU TaHHBIMU. Kak Ob110 moKa3aHo pa-
Hee [37—39], nepexod OT CTaTUYECKHUX YCIOBUU K
JIUHAMUYECKUM MOXET 3HAUUTEJIbHO YCKOPUTH IPO-
TekaHue peakunu. Hanpumep, B padote [40], omm-
coiBarwoleit okucienue CO Ha Pd/Al,O,, nepuonu-
yeckoe mnepexkiatoyeHue mnogauu mexay CO/N, u
0,/N, TT03BOJIUIIO TOOUTHCST YCPEAHEHHOUN CKOPOCTU

(6)
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Puc. 3. Pemienue: a, 6 — craiitmoHapHoe, HalileHHOE METOIOM ONITUMU3AIINN; B, T — MOJIyYeHHOE C TIOMOIIIBIO aITOpUTMa 00y-
YeHMsI ¢ TToKperieHrneM. B o6oux ciyyasix Mcrnoib30BaHbl MOZIe/IU 6€3 y4yeTa Jerpagaluy MoBEpXHOCTU KaTayim3aropa. [1o-
KasaHbl 3agaBaemble notoku CO u O, (npeackasaHHbIE MOJIUTUKN) (@, B) U COOTBETCTBYIOIMII UM Bbixon CO, (0, r).
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Puc. 4. Pemrenue: a, 6 — crallMOHapHOE, HaiileHHOE METOIOM ONTUMU3AIINN; B, T — IMHAMHYECKOE, MOJTYYEHHOE C TTIOMOIIBIO
aJiropuT™Ma 00yJeHNs C TIOAKPeTUIeHreM. B 060uX cilydasx MCIIOIb30BaHbI MOIEN C YIETOM Jerpagallii IIOBEPXHOCTH KaTa-
sm3aropa. [TokasaHbl pencKasaHHbIe MOIUTUKH (a, B) ¥ Beixon CO, (6, I).

peakinu, Kotopas 6ojee 4eM B 40 pa3 mpeBHIIIaa
MaKCUMAaJILHO JOCTUXXMMYIO CKOPOCTh B CTallMOHap-
HOM peXUMe.

3AKJIIOYEHHME

AJITOpUTM OOYYEHUS C TIOAKPETIIEHUEM OBLIT TTPU-
MEHEH ISl UCCIEAOBaHUs TPOCTPAHCTBA paboOUYuX
nmapameTpoB peakuumn okucieHuss CO. AreHT rpagu-
enTa moantukn VPG monygan Ha Bxon motoku CO,
O, u CO, Ha TeKylleM U TpeabIAyIlleM BPpEeMEHHBIX
Iarax 1 npeackasblBas onTuMalibHble ToToku CO u
O, Ha cienyoueM are. O0yyeHue aaropurma npo-
BOIWJIOCh HA MOAEIMN peaKIIMi OKUCIEHUS MOHOOK-
cuaa yriepoaa Ha IIOBEPXHOCTHU Majijiaaus Kak 0e3
ydeTa, TaK U C YYE€TOM Jerpagaliii IOBEPXHOCTU B
HepaBHOBECHBIX IOTOKAX peareHTOB. B pesyibrate
HUCCIeaoBaHMsl ObUIA MOJYyYEeHBI CTallMOHAPHBIC I10-
JIMTUKU W TIOJIMTUKU TMEPUOINYECKOTO MEepeKIode-
HUs1. MakKCUMaTbHBIN BBIXOM IMMPOAYKTa ObLI TOCTUT-
HYT IIPY UCTIOJIb30BaHUY MOJEJIM C YIETOM Aerpaaa-
MY KaTajInu3aTopa Ipy IMepruoIndeCKOM N3MEHEHNN
ra3oBbIX IOTOKOB, 00€CIICYNBAIOIINX OAJIAHC MEXIY
JIOCTYIHBIMU aICOPOLIMOHHBIMY YYACTKAMM Y KOHILICH-
Tpalnueid aKTMBUPOBAHHBIX MPOMEXYTOYHBIX IPO-
IyKToB. IIpomeMOHCTpUpPOBAaHHBIM IMOAXOM MOXET
OBITh PACIIMPEH IS ONITUMU3AIUNA MHOTUX APYTUX

MOBEPXHOCTb. PEHTTEHOBCKUWE, CUHXPOTPOHHBIE U HEUTPOHHBIE UCCJIEIOBAHUS

IIPOMBIIIIJIECHHO 3HAYMMbIX peaKI_II/Iﬁ 1 KaTaJIuTHU4C-
CKHMX CUCTEM.
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HccnenoBaHue BBINIOJHEHO IMpu (UHAHCOBOW ITOMI-
nepxxke Muno6pHayku Poccuu (Cornamenune Ne 075-15-
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Reaction of CO Oxidation on the Surface of Pd Nanoparticles: Optimization
by Reinforcement Learning

M. S. Lifar®-2, A. A. Tereshchenko!- *, A. N. Bulgakov!-2, A. A. Guda'**, S. A. Guda'-2, A. V. Soldatov!
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2Vorovich Institute of Mathematics, Mechanics, and Computer Sciences, Southern Federal University,
Rostov-on-Don, 344090 Russia
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The yield of reaction products depends on the interaction between processes on the catalyst surface: adsorp-
tion, activation, reaction, desorption, and others. These processes, in turn, depend on the magnitude of the
flows of reaction mixtures, temperature, and pressure. Under stationary conditions, active sites on the surface
can be poisoned by reaction by-products or blocked by an excess of adsorbed reactant molecules. Dynamic
control of reaction parameters takes into account changes in surface properties and adjusts temperature, flow
rates and other parameters accordingly. A reinforcement learning algorithm was applied to control the oxida-
tion reaction of carbon monoxide CO on the surface of palladium nanoparticles. The algorithm was trained
to maximize the rate of carbon dioxide production based on information about the magnitude of CO, O, and
CO, fluxes at each time step. A gradient policy algorithm with a continuous action space was chosen, and ob-
servations of the flow rates were extended over several successive time steps, which made it possible to obtain
a set of non-stationary solutions. The maximum yield of the product is achieved with a periodic change in gas
flows, which ensures a balance between the available adsorption sites and the concentration of activated in-
termediates. This methodology opens up prospects for optimizing catalytic reactions under nonstationary
conditions.

Keywords: machine learning, reinforcement learning, catalyst, palladium nanoparticles, adsorption, carbon
monoxide.
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