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BbIxon mpoayKTOB peakiiuy 3aBUCUT OT B3aUMOIEMCTBUSI MEXIy ITpoliecCaMU Ha MOBEPXHOCTH KaTaun3a-
Topa: ancopOIK, aKTUBALIMHY, TeCOPOLIMU U IPYTUX. DTU MPOILECCHI, B CBOIO O4YepPeb, 3aBUCST OT BETMYUH
IMOTOKOB PEaKIIMOHHBIX CMeceil, TeMIepaTyphl U JaBieHus. B cTalilmoHapHBIX YCIOBUSIX aKTUBHBIE LIEHTPBI
Ha IMTOBEPXHOCTU MOTYT ObITh OTPaBJIeHBI TOOOYHBIMU TTPOAYKTAMU PEAKIINU VTN 3a0JIOKMPOBAHBI U30BIT-
KOM aJicOpOMPOBAHHBIX MOJIEKYJT peareHToB. JIMHaMUYeCKUii KOHTPOJIb MapaMeTPOB PeaKIIuy YYUThIBAeT
U3MEHEHUsI CBOMCTB MOBEPXHOCTH Y COOTBETCTBYIOIIIM O0OPa30M PETYIUPYET TeMITepaTypy, CKOPOCTH MO-
TOKOB M Apyrue rnapameTpbl. [I[puMeHeH aIiropuT™M oOydeHUsl ¢ TTIONKPEeTIeHUeM ISl yIIpaBJIeHUsI peakiiv-
el okrciieHus yrapHoro raza CO Ha MOBEpXHOCTH HAHOYACTHUI] MaJUTaavsi. AJITOPUTM ObLT HATPEHUPOBaH
MaKCUMU3UPOBATh CKOPOCTh MTPOM3BOACTBA YIJIEKKMCIIOTO ra3a Ha OCHOBE MH(MOPMAIIUK O BEJIMYMHAX M0~
TokoB CO, O, u CO, Ha KaxX10M BpeMeHHOM Luare. bbl1 BbIOpaH aJIrOPUTM IPAAUEHTHON MOJIUTUKU C He-
MPEePBIBHBIM MIPOCTPAHCTBOM NEMCTBUIA, U paCIIMPEHbI HAOIIOASHUS 32 CKOPOCTSIMM TTOTOKA HA HECKOIBKO
MOCJIeIOBATEIbHBIX BPEMEHHBIX II1aroB, YTO TMO3BOJIMJIO TTOJYYUTh HaOOp HECTAIlMOHAPHBIX PEIIeHUIA.
MaxkcuMalIbHBI BBIXOJ MPOAYKTA TOCTUTAETCS TIPU TIEPUOANIECKOM U3MEHEHUU Ta30BbIX TOTOKOB, 0Oec-
MeYrBaoIIeM 60ajaHC MEXAy TOCTYMHBIMU LIEHTPAMU afcopOIMKM M KOHIIEHTpAILIMe aKTUBHUPOBAHHBIX
WHTEPMEANATOB. DTa METOAOJIOTUSI OTKPBIBAET MEPCIEKTHUBBI JJISI ONMTUMM3AINM KaTATUTUYECKUX peak-
LI B HECTaIlMOHAPHBIX YCIOBUSIX.

KioueBbie ¢j10Ba: MalIMHHOE OOydYeHUE, OOydeHHE C MMOAKPEIUIEHNEM, KATalIN3aTOPhl, HAHOYACTUIIBI
MaJijIaausi, ancopoursi, MOHOOKCH yriiepoa.
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BBEOJEHUWE

Hanouactunpl 671aropogHBIX METaJlJIOB, B 4acT-
HOCTH TTaJIainsI, — U3BECTHBIE KaTaanu3aToOpbl MHO-
JKeCTBa XUMUYECKUX peaKInii okuciaeHus [1] 1 Boc-
craHoBlieHUs [2]. Mx xaraauTtudeckasi aKTUBHOCTh
TTOMHUMO pa3Mepa yacTuIl [ 3] 1 MaTepraa moaI0KKHA
[4] Takke BO MHOTOM oIlpeaeiisieTcss 1 (pOopMoii Ha-
HouacTull [5—8]. B cTanmoHapHBIX YCIIOBUSIX IIPOTE-
KaHMSI peaklMy MOBEPXHOCTh KaTajM3aTopa MOXKET
JIerpagupoBaTh 3a cUeT (hOPMUPOBAHUST OKCUIIOB [9],
Kapounos [10] mim agcopOMpPOBAHHBIX MOJIEKYNI C
OosreIION dHEprHUeit cBsa3u [11].

Jas 3amenyieHus npoiiecca GOpMUPOBAHUS BTO-
PUYHBIX (pa3 HA MOBEPXHOCTU U MOBBIIIICHUST aKTUB-

HOCTH KaTajln3aTopa yCJIOBUS IIPOTEKaHUS peaKIIuu
MOXHO M3MeHATh muHamudecku [12]. Hampumep,
IIpU IIPOBEACHUN KATaJIUTUIECKOTO LIMKIJIMPOBAHUS
Ha OTIEJILHOM CTaauM LKA MOBEPXHOCTh KaTaau-
3aTopa MOXKET OBITh IIPUHYIUTEILHO OYMIIIeHA OT He-
JKeJIaTeJIbHBIX IMPOIYKTOB M, TaAKMM 00Opa3oM, OCy-
IIECTBJICHA €€ pereHeparus ajisl JIy4IlIero 3aceJeHus
XeJlaTeIbHBIMM peareHTaMu Ha Apyrux cragusx [13].
Hcnonb3oBaHre BHEITHUX BO3MYIIECHUIA MOXKET IIpU-
BECTU K OOJIbIIIEMY IIPEUMYIIECTBY TMHAMNYECKOTO
peXuMa 110 CpaBHEHUIO CO CTAallMOHAPHBIM, YTO HC-
MOJIb3YETCs U151 pa3pabOTKU HeCTallMOHAPHBIX peak-
TOPOB C JIYYIIIMMHU XapaKTepucTukaMu. B yactHocTH,
MOMOYJISILUM peaKIid MOHOOKCHUIA yIjepoaa Ha Io-
BEPXHOCTH HAHOKATaIM3aTOPOB OJIATOPOMHBIX Me-
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TaJLJIOB MPEICTABIISIIOT OCOOBII MHTEPEC, Y UX UHTEH-
CUBHO M3YYalOT: 3TO HE TOJBKO pacIpOCTpaHEeHHAas
MoeabHas peakius A1 GyHIaMeHTAIbHBIX UCCIIe-
JIOBaHMI B 00JIaCTU TeTeporeHHOoro karanusa [14—18],
HO M IIMPOKO HCIIOJNB3yeMbIii B HACTOSIIIEE BpeMsl
MPOLIECC B aBTOMOOWIIBHBIX KaTATUTUYECKUX KOH-
BepTepax. TaM TpexxXOIOBbIe KaTaau3aTophl IIePUO-
JIUYECKU TTOABEPralOTCS OKUCIUTEILHOMY (BO3IYyIII-
HBII peakKTop) ¥ BOCCTAHOBUTEIBHOMY (TOIIJIMBHBINA
peakTop) pexXruMam, U TaKoe IUKIUPOBaHUE MO3BO-
JIIET Pe3KO YBEIWYUTh 3P(PEKTUBHOCTh UTOTOBOM
kouBepcuu CO B CO, [19—21].

IMTouck onTUManbHBIX PEAKIIMOHHBIX YCIIOBUIA SIB-
JISIETCS CJIOXKHOM 3amaveil maxe IJIST CTallMOHAPHBIX
PEXMMOB U 3HAUUTEIBHO YCIIOXHSIETCS B CIydyae qu-
HaMUYeCKU U3MEHSIOLIUXCS TTapaMeTpoB. OTHUM U3
MEPCIIEKTUBHBIX MOAXOIOB IJIsI pellIeHUS TaHHOM 3a-
a9y SIBJISIETCSI MCIIOJIb30BAaHME MAIIMHHOTO O0yde-
Hus [22, 23] 1, B YaCTHOCTH, 00yJYeHUSI C MOAKpeIlIe-
HUEeM (M3BECTHOTO B 3apyOeXHOM JIUTepaType KakK
Reinforcement Learning) [24—26] mist mpoOrHO3UpPO-
BaHUSI HAWJTYYIIeTO AMHAMUYECKOTO peXrMa U yCII0-
BUIi TIPOTEKAHUS KaTaIUTHIEeCKUX peakuuii. Henas-
HO B [27] 0o60CHOBaIM KOHLIEIIINIO NCITOJIHL30BaHUS
MAaIIIMHHOTO OOY4YEeHUSI C MOAKPEIUICHUEM IJIsl OITTH -
MHU3alM BBIXOIAa BOIOPOAA B peaKIUM YaCTUIHOIO
okuciaeHusi MetaHa. C 3TOM 1eJbl0 OHU OOYYMIU
areHToB Q-00y4eHus [28, 29] u rpanueHTa yOOKo
JIeTepMUHUPOBAHHOM MOJMUTUKHU [30] 11T TpOTHO3M -
pOBaHUS IIPOU3BOICTBA BOOOPOIA IIyTeM PEryJIMpO-
BaHMS TEMIIEpPATyphl, JaBICHUSI, CKOPOCTHU IIOTOKA 1
coCTaBa IIOIJIOKKHM B CMOAEIMPOBAHHOM pEaKToOpe
WUIeaJbHOTO BbITeCHEHMsI. ABTOpHI [31] mpomeMoH-
CTPUPOBAJIU MPUMEHUMOCTb MAIlIMHHOTO OOY4YeHUSI
C MOAKPEIUIEHNEM B COYETAaHUM C IIPOTHOCTUYECKUM
KOHTPOJIEM 3KOHOMMUYECKOI MOAESIN IJIST IIPOU3BOI -
CTBa OKCHIa 3TWJIEHA. Takske, MCIOJb3Yys IITyOOoKoe
0o0y4eHMEe C MOAKpEeIUIEHUEM, paHee ONTUMU3UPOBa-
JIV pa3InYHble MUKPOKAareIbHbIe XUMUUECKUE peak-
LI, HATPUMEP CUHTE3 U30XMHOJIMHA, 3aMEIIeHHO-
ro xmHonauHa u pudoszodocdara [32]. B pesynbrate
JMaHHBINA ITOIXOM IMO3BOJMI YTOYHUTH ONTUMAaIbHbBIE
9KCHEPUMEHTAJIbHBIE YCIOBHUS, YTO OAJI0 BO3MOXK-
HOCTb YBEJIMYUTH CKOPOCTh IIPOTEKAHUS PEaKIIUii.
B HacTosieii pabote mpoBeAecHa ONTUMU3ALIUS Ma-
paMmeTpoB peakiiuu okuciaeHuss CO, mpoTeKkawliein
Ha moBepXHOCTU HaHovyacTull Pd, ¢ ucnoiab3oBaHreM
oaxoAa MallIMHHOTO O0YYEeHMS C IIONKPETIIICHUEM.

OKCITEPUMEHTAJIBHAA YACTb

AJTOpUTM OOYYEeHMSI C MOOKpPEIJICHUEM TpeOyeT
MHOT0O MPOOHBIX LIAroB ajisi ooydyeHus1. McrbiraHus
BBITIOJTHSTIOT TTOCJICIOBATEILHO IJIsI pa3HBIX 3Hade-
HU MapaMeTpoB, BEIOMPAEMBIX aJITOPUTMOM, Y TAKUM
00pa3oM TTOKPBIBAIOT BaxKHBIE OOJIACTH TPOCTpaH-
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CTBa ITapaMeTPOB PEaKIUM. DTOT ITOAXON OTINYAETCS
OT MaIlIMHHOTO OOYy4eHUsI C yuuTesieM (M3BECTHOTO B
3apyOexkHOl auTeparype Kak Supervised Machine
Learning), xorma Bech Ha0Op UCHBITAHUN MepeaacT-
Csl aJITOPUTMY TI0JIb30BaTtesieM. B aToM pasnesne onu-
IIIEM MaTeMaTHUYECKYIO MOIEIb peaKlIMy OKUCICHUS
CO, ocHOBaHHYIO Ha cucTtemMe nuddepeHInaTbHBIX
ypaBHEHUIA, KOTOpasl CIIYXKUT CPeaoii AT OOyUeHUS
aJiIropuT™Ma.

Cxema peakuuu okucieHuss CO Ha Pd moxer
OBITh OITMCaHa ypaBHEHUEM:

2CO + 0O, — 2CO0O,. (1)

Oxkucnenne CO Ha HaHOYacTUIaX Pd MoxXHO pasme-
JINTh Ha YETBIPE 3JIeMEHTAPHBIX 3Talla 10 MEXaHU3MY
Jlearmiopa—XwHImenbpByaa [33, 34]:

CO + Pd*—%— COpy, (2)

COpy —2—CO + Pd*, 3)

0, +2Pd*—%_320,,, 4)

COpy + Opy ——CO, + 2Pd*, ®)

rae Pd* — cBOOOAHBII LIEHTP ancopOLuu, a k; — KOH-
CTaHTa CKOPOCTU cTamuu i = 1—4. 3HaYeHUS KOH-

CTaHT CKOPOCTHU OIIpeNeNININd, MUCTIOAb3ys Cleayio-
e GoOpMYJIbI:

FCO

k] = (6)
Npy
E
k, = vyexp| ——%|, 7
2 2 p( kBTj (7)
F
ky = =2, (8)
Npy
E
k, = v,exp| ——% |, 9
4 4 p( kBT) )

e Feo 1 Fy, — noroku CO 1 Oy COOTBETCTBEHHO,
Npqy — TTIOBEPXHOCTHAS MJIOTHOCTBL atroMoB Pd (#py =
= 1.53 x 10" m~2), v, — 4acToTHbIil (akTop 3Je-
MeHTapHoIi peakimu i (v, = 105 ¢ uv, = 1077 ¢!,
E; — sHeprus axkTuBalUU 3JIEMEHTAPHOW peakiuu i

1
(E, = 136 x/Ix - monmb ! u E, = 59 k/Ix - Mmomp~}),
kg — xoHCcTaHTa bonpiimMaHa (kg = 0.008314463 x/Ix
-moiap~! - K™1), T — temneparypa o6pasua (440 K).
JIJ1s1 KOHCTAaHTBI CKOPOCTHU ypaBHEHUS (4) B BEIpake-
HUe (8) ObUIM JOIIOJMHUTEIBbHO BBEACHBI MOMNPaBKU
Ha Jerpafaliiio U pereHepaLuio MOBEPXHOCTU KaTa-
JIN3aTopa ¢ TeUeHUEM BpEeMEHU:

1) b
k4 + k4Vd 0.25 - 2 At, 2 > 0.25
k‘“ — PCO CO

(10)

PO O
Ky + (- k V.| 0.25— =2 |Ar, —2 <0.25.
CoO CcoO
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rae I/d — rnapameTp, OITMCBIBAIOIIM A CKOpPOCTD Aerpa-

naiuu nosepxHoctu (V; = 0.01 c_l), At — BpeMeH-
HOM MHTEpBaJ, B X0Ae KOTOPOIO IMPOMUCXOIUT Aerpa-
Aauust Ui pereHepauvsi, Fro 1 By, — napuuaibHbie
nasienust CO u O,, V, — mapametp, ONUChIBAIOILMIA

-1
CKOpOCTbh pereHepaunu nosepxHoctu (V, =1.5¢ ).
B ciyuae, eciu nonsg CO B cmecu Obl1a Masia (OTHO-
P, P,
0 0
LIeHUE TOTOKOB —= > 2), B (popmyJe (9) —= npuHu-
co co
MaJIM PaBHBIM IBYM, YTOOBI OIPAaHUYUTH CKOPOCTHb

Jerpagannu Karaausatopa. B manHoit Mmonenu u Obut
WCITOB30BaH TOT (haKT, YTO U3MEHEHNE aKTUBHOCTH
MOXeT OBITh CBSI3aHO, HAIPUMEP, C POCTOM IOJU
OpUMECHON (a3bl Ha MOBEPXHOCTU Hajuiagvs [9].
HawmepeHHO ObUT0 BEIOpaHO COOTHOLIEHUE Fy, : Frog =
=1 : 4 B KauecTBe MOrpaHUYHOro (Tae Karaau3aTop
He TomBepraeTcsl Jerpamaidv WiId pereHepaluu),
MOCKOJIbKY OHO JaJeKO OT CTEXHUOMETPUYECKOIO CO-
oTHOWeHUST Fy, @ Fro = 1@ 2, 94TO TIO3BOJISIET TIOJTY-
YUTh HeCTallMOHAPHBIE pellleHrs. BemauHy moroka
OIIPENEIISTN ¢ UCITOIb30BaHWEM TaplMaIbHBIX JaB-
JICHU# COOTBETCTBYIOIIUX ra30B M0 hopMysIaM:

R Cco
Mo
N kT

P
Fy, = __09 ,
2tM,

N ykgT

Feo = (1)

(12)

tie Feo U R, — napunanehbie gasieHus CO u O,,
Mo u My, — monexynsipubie Maccel CO u O,
(Mo =28 x 107 xr - momb™"' u M, =32 x 107 kr -
-monb~ '), N, — mocrostHHas ABoraapo. Ha ocHoBe
9TOI1 MOEIM MOXHO BBECTU YPaBHEHMSI ISl TIOKPbI-

THUA MOBEPXHOCTU MOJIEKYJIaMM MOHOOKCH A YIJIEPO-
Ja 1 aToMaMM KH1cjaopoaa:

dt

d_GO = 2k3So, — k48cob0,
dt

= kiSco — kzeco - k49coem (13)

(14)

rae 0o U 0 — MOKPBITUS ToBepxHOCTU Pd Moseky-
aamu CO 1 aToMaMu KUCIOpOna, a Sco U Sp, — COOT-
BETCTBYIOLIME KO(MOULIMEHTHI NPUWIMIIaHUS (U3BECT-
Hble B 3apyOexkHoil nuteparype Kak sticking coeffi-
cients). 3aBUCUMOCTU KO3(DUIIMEHTOB NPUIUIIAaHUS
Sco and S, OT OKPBITHUSI ¥ TeMITepaTypHbIX 3P Pek-
TOB OIPEIEIISUIN IO hOopMyIaM:

0 0 0
Sco =Sco| 1 - ,igx —Lr n?ax
Oco 0o

; (15)
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BosHarpaxneHue

Cocrosinne

Texyuimit BpeMEHHOIA 1iar
N:
CO2 notok

.. CO norok
CO notok ¢ NS
02 notok

TIpensinyimuit BpeMeHHOIt

Oz motok
mrar N-1: 2

CO2 notok

CO norok
JleiictBue: u3sMeHeHne

0 noTok
notokos CO n 02

OGHOBJIEHUE COCTOSTHUSI

Puc. 1. CxeMa paGOThI aJITOPUTMA.

sp1-%e0 S0 1y B0 8 45/
So, = Bco 0o Oco 0o (16)
0’ 1 - % - en?alx 2
eCO eO

0 0
e Sco ¥ Sp, — HadalbHbIe KO3(MDOUIMEHTHI IPUIIH-
MaHusl MpU HYJIEBOM TMOKPBITMHM COOTBETCTBEHHO,

o _
SCO -

ng =(0.78-7.4) x 107*T, tne T — temmeparypa 06-

0.96 u or TeMmepaTypel HE 3aBHCHT,

max

pasia, 0¢5 =0.5u05" = 0.25, C; GBI IPUHSIT paB-
HeiM 0.3. IlapameTpsl Momem ObUIM B3ATHL U3 [35].
Hrorosyio ckopoctb hopmupoBanust CO, (1o, ) onpe-
IeJISIv 1o popMyJie:

(17)

fco, = kz'tecoeo-

PE3VJIbTATbBI 1 UX OBCYXIEHHUE

KiroueBbiMU MapameTpa ajaroputMa oOydeHUs ¢
MONKPETIEHUEM SIBJISIIOTCSI Cpelia M areHT. AT€HT BbI-
MOJIHSIET NefiCTBUSI HA OCHOBE TOJUTUKU, 3ajaBae-
MOIi HEMPOHHOM CEThIO, KOTOpAs IMOJYyYaeT Ha BXOJ,
3Ha4YeHUs] HaOJI0AaeMbIX MapaMeTpoOB U3 Cpelbl U
Ha BBIXOJZI€ BbIAAeT neiicTBUs. Bbll Ucmoib30BaH ai-
TOPUTM IpagueHTHOM MmoauTuku Vanilla Policy Gra-
dient (VPG) ¢ HemnpepblBHbIMU 3HAUEHUSIMU Jeii-
crBuit. [TonuTrka anropuTMa OOHOBISIJIACH UTEpa-
LIMOHHO B X0Jile OOYyYeHHS Ha MOJIeIN, TIOCTPOEHHOM
Ha ocHOBe nuddepeHINAIBHBIX ypaBHeHUI. Llenbio
00yuyeHUs1 Oblia MAKCUMU3alisl MHTErPaIbHOTO 3HA-
YEeHUsI Harpaabl B U3MEHSIIOLINXCST YCIOBUSIX CPEIbl.
Mounenb 1 obydyeHue ObLIM 3alpOrpaMMUPOBaHbI Ha
s3bike Python ¢ ncnonb3zoBanuem 6udauorexku Ten-
sorforce u ppeitmBopka Tensorflow. I1pu ontumusa-
oY KO3OPULINESHTOB HEUPOHHOM CETU UCTIONIBL30Ba-
1 ckopocTtb ooyaeHus 0.001. Ha Bxongbl HeMpoHHOM

2023


корректор Сиунова
Выделение

корректор Сиунова
Выделение

корректор Сиунова
Выделение

корректор Сиунова
Выделение

корректор Сиунова
Выделение
удалить

корректор Сиунова
Карандаш
,


4 JIUDAPD u ap.

HopmupoBaHHbIit
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Puc. 2. Cymmapnslii Beixon CO,, IeeHHBI Ha [UIMHY
3MK30/1a, KaK (QYHKIIMS OT HOMepa 3M130/a.

CeTU TI0JaBaJIM HOpPMUPOBAHHbIC 3HAYEHUST TOTOKOB
rasosB, NpuBencHHBIC K quana3ony [0; 1]. Cxema pa-
OOTEHI aJITOPUTMA MOKa3aHa Ha puc. 1.

Anroput™m VPG 00ydeHusI ¢ mOOKpEIUIEHEM OT-
HOCUTCS K KJIaccy aJlTOpuTMOB on-policy, T.e. ajnro-
PUTMOB, KOTOPbI€ ONITUMU3UPYIOT MTOJUTUKY areHTa,
0a3upysich TOJILKO Ha UHGOPMAllUU, MOJyYEeHHOU B
XOJl€ UCIONIb30BaHUs TeKylel nomutuku. Ilomnrn-
Ka — (QYHKIINS, OTIpeaesIsIrolasi, Kakoe aeiicTBre 0y-
IIeT BEIOMPATH aJITOPUTM UCXOMS U3 TEKYIIIETO COCTO-
SIHHUSA cucTeMbl. OOyYeHHUEe areHTa IMPOUCXOIUT B
TedeHue OOJIBLIOTO 4YUCIa DMU30J0B OOYUYEHUS.
AJITOPUTM B TeUeHHUE 3MMU304a IIUTeaIbHOCThIo 500 ¢
MMPUMEHSIET TTOJIMTUKY, 3aIIPOrpaMMHPOBAHHYIO B BUIIE
HEHpOHHOM ceTH. 3amada 1Mo HaXOXKICHUIO areHTOM
OTNITUMAJIBHOM TTOJTUTHKHN CBOAUTCS K ONITUMU3AITAHN
rmapaMeTpoOB TTOJIUTUKN — BECOB HEMPOHHOI CETH.
JeiicTBre areHTa B HAcTOsIIIEe paboTe 3aKIo4YaeTcs
B u3MeHeHuu notokoB CO u O, kaxnbie 10 ¢ mpous-
BOJIbBHBIM 00pa3oM B TIpeaesiax 3aJaHHOIO 11arna3o-
Ha. Ha BXox HelipoHHOI ceTH ITogaloT HOPMUPOBAH-
Hble 3HaueHus1 nmotokoB CO, O, u CO, Ha TeKyllieM
mare U (OMUMOHATbHO) 3HAYEHUSI COOTBETCTBYIO-
LIMX TTOTOKOB Ha OJHOM WJIU ABYX MPEAbIAYIIUX LIa-
rax o0ydeHusi. Ha BbIXo[i€ CUUTBIBAJIM HOBbIE 3HAYe-
Hus 11oTokoB CO u O,. [To okoHYaHU1IO 3110XU 00YyYe-

HUS KO3DOUIMEHTH HEMPOHHOI CeTH OOHOBIISIIOTCS
COIJIACHO TPaBUIIY:

ek+] = ek + aVe (J (1139))|ek, (18)

rie 6 — Beca HeilpoceT, M, — MOJUTHKA areHra,
J(mg) — oxumaemast KyMyJSITUBHasl Harpanga JUist
JAaHHOI MOJIUTUKM Ty. [panueHT B popmyse (18) Ho-
CUT Ha3BaHUWe rpaaueHTa noautuku. Harpana J Bbi-
YUCTISIETCS KaK UHTerpajibHbli Bbixon Mojiekya CO,
peaxiu okuciienuss CO + O,. Ha puc. 2 nokasaH npu-
Mep oOyueHus aaroputMa Ha ripotspkeHun 10000 arm-
30010B. HabGnrogaercsi HEMOHOTOHHOE YBEIUYEHUE
Harpajpl, NOJy4yaeMOil aJITOPUTMOM 3a OJHY BMOXY.
Br160p ciocoda HarpaxkaeHUs U crieliuruKalim co-
CTOSIHUSI U JAEWCTBUS OIPENEISIIOT Ka4eCTBO U CKO-
pOCTb O0yUYEHUSs AJITOPUTMA.

YT1oObI OLIEHUTH 3PHEKTUBHOCTD pELLICHUI, Hail-
JIEHHBIX AJITOPUTMOM OOyYE€HUS C MOAKPEIUIEHUEM,
ObLIIO TPOBEJEHO CPaBHEHUE UX C PELIEHUSIMU, Hali-
JNIEHHbIMU UHBIM MeToJIoM. PaccmarpuBaiu cymmap-
Hblii Beixon CO, 3a 3nmu304 Kak (QYHKIUIO OT MOTO-
koB O,(f) u CO(¥): R = R(O(¥), CO(r)). danee pac-
CMaTpUBAJIN TOJBKO CTallMOHAPHBIE pELIECHUS, T.€.
Ttakue, 4yTo O,(f) = O, = const, CO(r) = CO = const.
3areM MakCMMU3UpPOBaiu R Kak (pyHKIIMIO IBYX Be-
IIECTBEHHBIX MEPEMEHHbBIX, UCTOAb3ysI MeTon He-
mepa—Muna, niau cuMmriuiekc-meton [36]. TlomydeH-
HOE€ CTallMOHAPHOE pEIIEeHUE MCMOJb30BAIU LIS
CpaBHEHUSI C pellieHreM, HailIeHHbIM OOyYeHUEM C
MOJAKPETJIEHUEM.

B Ta61. 1 co6paHbI pe3yabTaThl TPEHUPOBKU B TE-
yenue 10000 >mm3000B 11 pa3HbIX KOMOMHAIWIA.
Kak BugHO, HawIydiee Ka4yecTBO OOydeHUsS OBLIO
JIOCTUTHYTO MpPU HUCIIOJIb30BaHUU WHGOPMALIAU O
IMOTOKAaX ra30B Ha MPOTSKEHUHU TPeX MOCASTHUX 11a-
rop 1mo BpeMeHu. [locie TPEeHUPOBKU aJITOPUTM
MOXHO TIPUMEHSITh U151 ONITUMAaJIbHOTO yIIpaBICHUS
9KCIEePUMEHTAJIbHOM ycTaHOBKOM cuHTe3a. Ha puc. 3
MoKa3aHbl Pe3yJIbTaTbl HAWJEHHONM MNOJUTUKU IJISI
ypaBHeHM (1)—(3) co caydyallHBIMM HadallbHBIMU
YCIIOBUSIMHU, TIOJTyY€HHBIMU C TTOMOIIBIO ONITUMM3a-

Ta6mma 1. Bbi6op cocTosiHUS TSI TPEHUPOBKM aJITOPUTMA M MHTETPaIbHBIN BBIXOI MPOIYKTOB PEAKIIUU 32 OTHY ITOXY

CocrostHue

BbIxon MpoayKToB peakiluu 3a dMOXY, OTH. e/l.

IToTokM ra3oB Ha TeKyIlleM I11are 1Mo BpeMeHU:

Obs, = (CO, 0,, CO,) 8.54
IToTokM ra3oB Ha TeKyIIeM

. 9.35
U NpeaplaylleM Lare no BpeMeHu: Obs,, Obs;
IToToKkM ra3oB Ha Tpex MOCAEAYIONINX IIarax 10.16

o BpemeHu: Obs), Obs;, Obs,
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Puc. 3. Pemienue: a, 6 — crauMoHapHoOe, HaliIeHHOE METOIOM ONTUMU3ALIMK; B, T — MOJYYEHHOE C TTOMOIIBIO aJiITOpUTMa 00y-
YyeHMs ¢ TofKperieHueM. B o6oux ciyyasix MCrofib30BaHbl MOZIeNIM O3 yyeTa Jerpagaluu MoBEpXHOCTU KaTaiu3aropa. [1o-
Ka3aHbl 3agaBaeMble oToku CO u O, (npencka3aHHble NOJUTUKN) (4, B) U COOTBETCTBYOLMIA UM Bbixon CO, (O, I).

uu (puc. 3a), ¥ MOJIMUTUKA, HaliAeHHasT aJITOPUTMOM
o0Oy4yeHUs1 ¢ moakperuieHueM (puc. 30) COOTBET-
CTBEHHO C UCTIOJIb30BaHUEM MoJeiau 0e3 ydyera ne-
rpamamnm.

M3 pucyHKOB BUJIHO, YTO TIPU OTCYTCTBUU B MO-
JleJIV yyeTa IerpajalMy Katajiu3atopa ajilTlopUuTM Ha-
XOJIUT CTallMOHAPHOE pellieHue ¢ GUKCUPOBAHHBIMU
MOTOKaMU ra3oB, 0J1M3K0e K HaliIecHHOMY OTITUMM3a-
LMe, ¢ cooTHoleHueM 1moTokoB CO : O, okoJio 0.446.
CxoxaeHue ajiroputMa K MOCTOSIHHOMY DPElIeHUIO0
MOXHO OOBSICHUTDH TEM, UTO 051 TOBEPXHOCTU, 0O~
CTYMNHOI mist mpoTtekaHus peakiuu CO + O,, octa-
€TCSI HEM3MEHHOU B IIPOILIECCE CUHTE3A U OJIU3KON
K onTuMajibHOU. B maHHOM ciydae mepuomuyeckast
peakTuBalMsl TIOBEPXHOCTU KaTaau3aTopa MOBbBI-
ILIEHHBIM MTOTOKOM KHUCJIOPO/Ia HE MPUBEAET K YBEIM-
yeHuto Bbixona CO,.

Ha puc. 4 npuBeneHsbI pelleHusl, MOayYeHHbIE IS
MOJEJIe ¢ y4EeTOM IerpaJaliui: CTallMOHApHOE pelle-
HUe, HalIeHHOE C TIOMOIIBIO ONTUMU3aluu (puc. 4a),
U pelleHWe, HalJIeHHOE alTOpPUTMOM OOYy4YEeHHUS C
noakperuieHueM (puc. 46). CpaBHeHue Bbixoga CO,
IMOKAa3bIBAET, YTO AJISI MOAEIIU C YIETOM Jerpagaliviu ail-
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TOPUTM CMOT HaiiT JMHAMUYECKOE pellieHUE, KOTOPOe
o0ecreurBaeT 3HaYMTeNbHO 0oblNi Bbixod CO,.

IMpu nnuTeNLHOM HAXOXIEHUM KaTaau3aTopa
nauiaausi B atMocdepe ¢ HEpaBHOBECHBIM CoAepkKa-
HUEM KUCJIOpoJa MU MOHOOKCHUIA YIiepoaa MOXKET
obOpa3oBbIBaThCs (pa3za KapOuga MM OKCUOa, KOTO-
past yxyauaeT KaTaIMTUYECKE CBOMCTBA MTOBEPXHO-
cTu. B yacTHOCTH, BO3MOXHO YMEHbIIEHUE A0 TTO-
BEPXHOCTU, AOCTYITHOW IJIs1 MPOTEKaHUs peakluu
CO + O,, u yBeJIMYeHNe SHEPreTuYecKoro dapbepa
9TOil peaklMU. DTO OOBSICHSIET, TTOUYeMy aJITOPUTM
Mpeanoyesn Mepuoanveckoe yMEHbIIIEHUE MOTOKOB
CO u O, B npotuBodase, Npyu KOTOPOM MPUMECHasI
¢a3a Ha MOBEPXHOCTHU He ycTieBaeT cchopMUPOBATHCS
U paspyliaercsi B U30bITKE KMCIOPOJa, BCIAEACTBUE
4yero uHTerpaibHblil Boixoa CO, yBeInuuBaeTcs.

IMTonyyeHHbIEe pe3yJabTaThl COIIACYIOTCSI C BKCIIe-
pUMEHTaTLHBIMUY TaHHBIMU. Kak Ob110 MoKa3aHo pa-
Hee [37—39], mepexom OT CTaTUYECKUX YCIOBUM K
JTVUHAMUWYECKHMM MOXET 3HAUUTEJIbHO YCKOPUTH IMPO-
TekaHue peakuuu. Hampumep, B padote [40], onu-
ceiBarouleit okuciaenve CO Ha Pd/Al,O;, nepuonu-
yeckoe TepexioueHue momauu Mmexay CO/N, u
0,/N, 03BOJIUJIO TOOUTHCS YCPEAHEHHOMN CKOPOCTU

2023
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Puc. 4. Pemierue: a, 6 — cralilmoHapHOe, HaliIecHHOE METOIOM ONITUMM3AIIUU; B, T — TMHAMUYECKOE, MOJYYEHHOE C ITOMOILbIO
ajropuTMa o0y4eHHUs ¢ MoaKperieHrueM. B 06oux citydasix MCToJIb30BaHbI MOJIEJIU C YUYETOM JeTpafalliy MOBEPXHOCTH KaTa-
sm3aropa. [TokasaHbl IpefcKasaHHbIE MOIUTUKH (@, B) U Bbixon CO, (6, I).

peakiuu, Kotopasi 6ojiee yueM B 40 pa3 mnpeBbilaja
MaKCUMAaJIbHO JOCTUXXUMYIO CKOPOCTh B CTAllOHAP-
HOM peXUMe.

3AKJIIOYEHHME

AJITOpUTM OOYYEHMSI C TTIOAKPEIUICHUEM ObLJT ITPU -
MEHEH I MCCJeIOBaHUSI TPOCTPAHCTBA PabOUMX
napamMeTpoB peakiuu okuciaeHus CO. AreHT rpaam-
eHTa noautuku VPG nmonydan Ha Bxom notoku CO,
O, u CO, Ha TeKylleM U TpeablaylleM BpeMeHHBIX
Iarax v npeackasblBajl onTuMajbHbie TOTOKM CO u
O, Ha cienytoleM 1iare. O0yuyeHue aaropurma npo-
BOIMJIOCHh Ha MOJIE/IN PeaKIMU OKUCICHUS MOHOOK-
cua yriiepoja Ha IOBEpXHOCTH IaJlagusl Kak 6e3
ydeTa, TaK U C y4eTOM Aerpagaliii MOBEPXHOCTU B
HEpaBHOBECHBIX MOTOKAxX peareHToB. B pesynbTarte
HCCJIENOBAaHUSI ObUIM MOJIYYEeHbI CTAllMOHAPHBIE ITO-
JIMTUKU Y TIOJIUTUKU MEPUOINYESCKOTO TMepeKIrode-
HUSI. MaKCHUMAaJIbHBIN BBIXOJ IMMPOAYKTA ObLT JOCTUT-
HYT IIPY UCIOJIb30BAHUU MOACIU C YYETOM Jerpana-
LIMM KaTaJln3aTopa Mpu IepruogndecKoM U3MEeHEHU
ra3oBbIX TIOTOKOB, 00eCHEeYNBAIOIINX OaTaHC MEXKIY
JIOCTYIHBIMU aICOPOLIMOHHBIMU Y4aCTKAMU U KOHIICH-
Tpauueil aKTMBUPOBAHHBIX MPOMEXKYTOUYHBIX ITPO-
IyKToB. IIpomeMOHCTpUPOBAHHBINM MOAXON MOXET
OBITH pacCIIMpeH IS ONTUMM3ALU MHOTUX IPYTUX

TMOBEPXHOCTb. PEHTTEHOBCKUE, CUHXPOTPOHHBIE U HEUTPOHHBIE UCCIIEJOBAHUS

IIPOMBIINIJICHHO 3HAYMMBIX peaKHI/Iﬁ n KaTaJIuTHU4C-
CKHMX CHUCTEM.
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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!
!The Smart Materials Research Institute, Southern Federal University, Rostov-on-Don, 344090 Russia

2Vorovich Institute of Mathematics, Mechanics, and Computer Sciences, Southern Federal University,
Rostov-on-Don, 344090 Russia

*e-mail: tereshch 1 @gmail.com
**e-mail: guda@sfedu.ru

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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