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AHHOTAIIUA

B Hacrosimeit uccienoBaTenbckol padboTe MpoBEAEH NOAPOOHBIN PU3NKO-XUMHUYECKHMA
aHaIM3 W TUOPUIIHOE MATEMAaTUYECKOE MOJCIMPOBAHUE PEAKIUU aJKUIUPOBAHUS
n300yTaHa OyTWUJIEHAMU Ha KaTaJIUTHYECKMX CHUCTEMaxX Ha OCHOBE KHCIbIX MOHHBIX
xuakocten. [Ipouecc ankuaMpoBaHus 3aHUMAET 0co00e MecTo B HedTenepepaboTke,
oOecrieunBasi TIOJy4eHHE MPEMHATLHOTO KOMIIOHEHTAa aBTOOCH3MHOB — aJIKWIIATA,
XapaKTepU3YyIOIIErocsi BELICOKUMHU OKTaHOBBIMU unciiamu (MOY 95-98) npu noaHom
OTCYTCTBHUM apOMAaTHYECKUX YIJIEBOJOPOAOB, OJepUHOB U cepbl. B pabote
UCCJIEI0BaHA JIMHAMMKA TOCJIEI0BATEIbHO-TIAPAIUIEbHBIX peakluii o0pa3zoBaHus
TPUMETHINEHTAHOB U TUMETUJITE€KCAHOB B MPUCYTCTBUM XJIOPATIOMUHATHBIX MOHHBIX
KUIKOCTEH, MPOMOTUPOBAHHBIX COJSIMH MEIW M HUKeNd. ABTopamu paszpaboTaHa
KHMHETHYECKasi MOJIeNIb, HHTETPUPOBAHHAS C alTOPUTMOM T'PAAUEHTHOrO OYyCTHHIA U
MOJYJIEM JIOKaJbHBIX MHTEpIIpeTanuii Shapley-3nauenuii. Moaens yduThIBacT BIUSHUC
MeX(}a3zHOTO MaccolepeHoca, MOJBHOTO COOTHOIICHUS u300yTaH/onepud u
KUCIIOTHOCTH JIploMca Ha COOTHOIIEHUE CKOPOCTEM LENEBOr0 AJIKWIMPOBAHUS WU
HEeKeNaTeIbHON oJuromepusanuu OyTeHOB. Pe3ynbTraThl MCHBITAHUN Ha MHIOTHON
CTPYHHO-IIUPKYJSILUOHHON YCTAaHOBKE MOATBEPJUIN BBICOKYIO MPOTHOCTHYECKYIO
CITOCOOHOCTH pa3pabOTaHHOTO METO/IA.
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Abstract

In the present research paper, a detailed physicochemical analysis and hybrid
mathematical modeling of the reaction of isobutane alkylation with butylenes over
catalytic systems based on acidic ionic liquids were conducted. The alkylation process
occupies a special place in petroleum refining, providing a premium motor gasoline
component — alkylate, characterized by high octane numbers (RON 95-98) with a
complete absence of aromatic hydrocarbons, olefins, and sulfur. The paper investigates
the dynamics of consecutive-parallel reactions forming trimethylpentanes and
dimethylhexanes in the presence of chloroaluminate ionic liquids promoted with copper
and nickel salts. The authors have developed a kinetic model integrated with a gradient
boosting algorithm and a local interpretation module based on Shapley values. The
model accounts for the effects of interphase mass transfer, the isobutane/olefin molar
ratio, and Lewis acidity on the ratio of rates between target alkylation and undesirable
butene oligomerization. The results of testing on a pilot jet-recirculation unit confirmed
the high predictive ability of the developed method.

Keywords: alkylation, isobutane, butenes, ionic liquids, trimethylpentanes, alkylate,
octane number, kinetics, Shapley values, machine learning.

Beenenue

[ToBbIIIEHHE  DKOJOTUYECKUX TpeOOBAaHWW K aBTOMOOWIBHBIM TOIUITMBAM U
Y)KECTOUEHHE HOPM IO OTPAaHMUYCHHUIO COACP)KAHUS apOMATHUYECKUX YTIIEBOJIOPOIOB,
0COOCHHO O€H30J1a, CTUMYIMPYIOT MOCTOSHHOE YBEJIMYCHHE JOJHM alKuiaTa B IyJe
TOBapHBIX OCH3UHOB.



AJNKuIMpoBaHUE K300yTaHa onepuHAMU (MPEUMYIIECTBEHHO OyTe€HamH) MO3BOJISET
KOHBEpCHpPOBATh  JIETKHE  YIJICBOJOPOJHBIE  Ta3bl B BBICOKOOKTaHOBYIO
n3onapauHOBYIO (GPaKIUIO C UI€aTbHBIMU IKCIUTYaTAIMOHHBIMH XapaKTEPUCTHKAMHU.

TpanuuroHHBIE TPOMBIIIUIEHHBIE TEXHOJIOTHH aJTKUIIMPOBAHUS UCTIOIB3YIOT B KAUECTBE
KaTaJanu3aTopoB KOHIICHTPUPOBAHHYIO CEpHYIO W MJIABUKOBYIO
(¢pToprcTOBOAOPOIHYIO) KUCTOTHL. OAHAKO 3THU TMPOLECCHl CBS3aHBI C CEPbE3HBIMU
AKOJIOTMYECKUMH U  TEXHOJOTHMYECKMMH PUCKAMU: BBICOKOM  KOPPO3MOHHOM
AKTUBHOCTBIO Cpejl, OOJIBIINM PACX0JIOM PEareHToOB M BBICOKOI toxic-omacHocThio HF
Ipy aBapUIHBIX yTeuKax. B CBS3M C ’TUM MHUPOBBIM TPEHIIOM SBIISIETCS MEpPEXO]] Ha
KaTAJIMTUYECKUE CUCTEMBI HOBOTO IMOKOJEHUSI — KHCJbIe MOHHBIE Xuakoct (lonic

Liquids).

Peakiust amkwimMpoBaHUST HAa MOHHBIX KHAKOCTSIX TPOTEKAET MO KapOKAaTHOHHOMY
MeXaHu3My B AByXdha3HO# rereporeHHON cucreme. KiroueBol 3amadeit sBseTCS
obOecrieueHne MakCUMalabHOTO BbhIXoAa 2,2,4-, 2,3,4- m 2,3,3-TpUMETHINCHTAHOB
(TMII), ob6nagaromux McciaeAOBaTEILCKMMHU OKTaHOBBIMU uuciaamu 100, 102,5 u 99,9
COOTBETCTBEHHO, M TOJIaBicHUE 0Opa3oBaHms AuMmeTruirekcaHoB (JIMI'), okraHoBoe
YHUCJIO0 KOTOPBIX HE npeBbIacT 65—80 MmyHKTOB.

Kunernueckoe onucanne npoueccoB B IPUCYTCTBUHA HOHHBIX )KUIKOCTEN CYIIECTBEHHO
OCJIOXKHSIETCS BIAMSHUEM TUJIPOJMHAMUKHU CMEIIeHHs U AU ()Yy3MOHHBIX OrpaHUYEHUN
Ha rpaHule paszzaena (a3 «KUAKUN yrieBoJopol — HUOHHAs KUAKOCTh». [Ipumenenne
TMOPUIHBIX KUHETHUKO-HEHPOCETEBbIX MOJENEel C MOIYJISIMU HWHTEpHpeTaluu
IPU3HAKOB MO3BOJSET (PU3UUECKM OOOCHOBAaHHO pPACCUUTHIBATH CEJIEKTHUBHOCTH
nporuecca 1 noa0upaTh ONTUMAJIbHBIE YCIOBUS CMEIICHUSI.

MeToa0/10THsl IKCIIEPUMEHTA M CTPYKTYPA BXOJAHBIX MapaMeTpoB

OKCIIEpUMEHTAIBHBIE HCCIIEIOBAHUS NPOBOJWINCH HA MHWIOTHOM HENPEPHIBHOU
KaTaJIUTUYECKOW YCTAHOBKE, OCHAILEHHOW CTPYMHBIM CMECUTEIIEM U OTCTOMHUKOM-
cenaparopoM (a3. B kauecTBe kaTanu3aTopa MCHOJIb30BANIACh MOHHAS >KHJIKOCTh Ha
OCHOBe xJjopuaa TpudTWiamuHa u Tpuxijopuga amomunus (Et3NHCI-xAICI3),
moauduimpoBanHas xjopugom Menu(l). B xauectBe chipbsi puMeHsiach Gpaxius,
cofieprkarias n3o0yraH, OyreH-1 u OyTen-2.

I[I/IaFHOCTI/I‘ICCKI/Iﬁ BCKTOPp BXOAHBIX W TEXHOJIIOTHUYCCKUX IIapaMETPOB BKIKOYACT
CICAYIOIME ITOKAa3aTCIIn.

[lokazaTenb OOBEMHOTO U MOJBHOTO COOTHOLIEHUS H300yTaHa K oJeduHaMm B
pPEaKIMOHHON 30HE, BapbUpyeMblii B uHTEpBaie oT 6:1 mgo 15:1, ompenensier
BEPOSTHOCTh BCTPEUH KapOKaTHOHA t-0yTHiia C MOJIEKYJION N300yTaHa 10 CPABHEHHUIO C
MOJIEKYJI0# osiepuHa.

Ilokazarenb TeMIeparypsl B peakTope, NOAAEpKUBaeMblid B auanazone ot 10 go 35
rpagycoB Llenabcusi, peryaupyeT COOTHOILIEHUE CKOPOCTEH TMIPHIHOTO NEpeHoca U
OJINTOMEPHU3ALUH.
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[lokazarenb HHTEHCUBHOCTH nepemerBanus (ducio OO0pOTOB Meaaky / mepemnas
JaBJICHUS] HAa COIUIE CMECHTENsI) OMpeAesseT Iouanb Mex(a3sHOH MOBEPXHOCTU U
KO3 UIIUEHT MacconepeIayn.

ITokazarens mosibHOM gosu AlCI3 B MOHHOHM KHUJIKOCTH OMNPEAENISICT JhIOMCOBCKYIO
KUCJIOTHOCTh U KaTaJTUTUYECKYI0 aKTUBHOCTh CUCTEMBI.

AHanmu3 cocTaBa yriIeBoIOpoaHON (a3wl U pacmpeaeneHus n3oMepoB C8 BBITIOIHSICS
Ha Ta30BOM Xpomarorpade ¢ KanmuUSIpHOM KOJIOHKOW BBICOKOW pa3pelaronei
CIIOCOOHOCTH.

PaspabGorannass ruOpugHas MoAelb OOBCAWHSACT KHHETHYECKHE YpaBHECHUS
oOpa3oBaHMsI TpET-OyTHWJIOBOTO KAaTHOHA, €ro TPUCOCIUHEHUS K oJehuHy W
MOCJIETYIONIETO THAPUIHOTO TiepeHoca ¢ anroputMoM XGBoost. Anroputm Shapley-

3HAYEHUU BU3YAJIM3UPYCT CTCIICHDb BIIMAHHUA KaXIOI'0 IIapaMETpa Ha OTHOIICHHUC
TMI/JIMT.

C(bOpMI/IpOBaHHBIe aHAJIUTHYECKUE OJIOKH Pas3acCICHBI 110 CIICAYIOIIUM HAIIPpaBJICHUSAM.

HaHpaBJICHI/IG LOCIICBOI'0 AJIKHJIMPOBAHUS OIMHCBIBACT CKOPOCTH LICICBOI'O 06p330BaHI/IH
TPUMCTHUIIIICHTAHOB 4CPEC3 CTAANH IICPCHOCA THAPUI-NOHA.

Hanpasnenue mno6o4yHON onuromepuszauuu (UKCUPYET OOpa3oBaHHUE TSHKEIBIX
yraeBogopoaos C12+ npu HegocTaTke n300yTaHa B PEaKLIMOHHOM 30HE.

HampaBnenue AeCTpyKTHBHOTO AalKWJIMPOBAHUSA W TE€pEpaCIpeieieHUs] BOJAOPOJIa
olleHuBaeT oOpa3zoBaHue jerkux uzonapaguHoB C5—C7 U TSHKENBIX NPOTYKTOB 3a CUET
BTOPHUYHBIX MPOIIECCOB.

AHAJIM3 MOJYYEHHBIX Pe3yJbTATOB M UX 00CY:KIeHHE

B xone cepur HaTypHBIX SKCIEPUMEHTOB MPOJOJIKUTENBHOCTHIO TPUCTA MSATHAECST
4acoB JI0Ka3aHa BbICOKas 3(G()EKTUBHOCTh MPUMEHEHUS XJIOPATIOMUHATHOW HOHHOM
xuakoctu. Ilpum Ttemneparype 20 rpagycoB Llenbcusi, MOJBHOM OTHOILIECHUH
n300yTaH/O0yTeH paBHOM 10:1 ¥ BBICOKOW MHTEHCUBHOCTU TMEpPEMENIMBAHUS MOJIyYeH
NKUJIAT C COJAEPKaHUEM TPUMETUIITIEHTAHOB OoJjiee 82% ¥ OKTaHOBBIM YHCJIOM IO
HCCIIEIOBATENIbCKOMY METOAY 96,8 MmyHKTAa.

Mogens NpoOAEMOHCTPUPOBaAia BBICOKYID TOYHOCTh MPOTHO3WPOBAHMS COCTaBa
n3omepoB C8: cpeanee oTkioHeHue 1Mo oTHomeHuto TMIT/JIMI™ ve npesbicuio 1,2%.

[Ipu amanm3e mnokanbHBIX aTTpuOyIuit Shapley-3HaueHUl TONYYEHBI CIEAYIONINE
pE3yIbTaTHI.

Bo-nepBbIX, n0Ka3aHO, YTO KIIIOYEBBIM (AKTOPOM, OMPEIEINISIONIUM CEIEKTUBHOCTh
oOpazoBanus 2,2,4-TpUMETHINEHTAaHA, SIBISETCS HE CTOJBKO TEMIIepaTypa, CKOJIBKO
MHTCHCUBHOCTh ~ MEX(}a3HOIO0  MacCcOlepeHoca,  OINpeAeNsionas  JOKaJIbHYIO
KOHIICHTpaIMI0 n300yTaHa B KUciion (ase.
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Bo-BTOpBIX, yCTaHOBJIEHa KpUTHYECKas TPaHULA KUCIOTHOCTH HOHHOM KHIKOCTH
(monbHas nons AlICI3 = 0,67), npeBblllIeHHE KOTOPOW MPUBOIUT K PE3KOMY POCTY
peaxiuii BTOpUYHOTO KPEeKMHTa U CHIDKEHUIO BbIXOa 1eneBoi ppakuuu C8.

B-Tpetpux, pazpaboTaHbl peKOMEHIaTebHbIE KApThl TEXHOJOTHUECKUX PEKUMOB IS
MPOMBIIUICHHBIX PEAKTOPOB CTPYMHOro THUIA, OOECIEYMBAIOIINE CTA0UIBHOE
MOJY4YCHHUE BBICOKOOKTAHOBOTO AJKHJIaTa MPU CHIDKEHHH PAcXofa KaTaJUTUYECKOTrO
KOMILJIEKCa.

3akirouenue

['uOpuaHas KUHETHKO-HEHpoceTeBas Mojaelb ¢ MojayieMm Shapley-untepnperanuu
o0ecreynBaeT BHICOKYIO TOUHOCTh pacueTa CeJIEKTUBHOCTH U MaTEepHaIbHOTO OallaHca
npolecca aJKWINPOBaHUs H300yTaHa ojiepHaMU Ha HOHHBIX KUAKOCTAX. Dusznueckas
IPO3PAaYHOCTh PE3YJbTATOB MO3BOJISIET HHXKEHEPAM-TIPOEKTUPOBIIUKAM U TEXHOJIOTaM
3¢ (PEKTUBHO ONTUMU3HPOBATH KOHCTPYKLUMU PpEAKTOPHBIX VY3JIOB U CHUXKATh
DKCIUTYaTallMOHHBIE 3aTPAThI.

B nanpHeimeM aBTOPCKWN KOJUJIEKTUB IUIAHUPYET PACHPOCTPAHUTH MPEIIOKECHHYIO
METO/IOJIOTHIO Ha TMPOIECChl CO-aJIKUIUPOBAHMS W300yTaHa CMEChIO TPOIUJICHA U
OYTHUJICHOB.
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