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Kiacmepe Pl‘4 C UCNONBL308AHUEM MEemOoOd meopuu ¢7yHK1/;MOHa/la njiomHocmu 6 NOJAHOM CKAIAPHOM PeIImuUueuUCnCKom

npubnudxceHul 8 6azuce 2ayccosvlx QyHKYu.
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Theoretical study conversion of ethylene on neutral Pts clusters was using DFT method in all-electron scalar

relativistic approximation in Gaussian-bassis.

BBeneHune

B mepgoii wactu [1] kpome mogpoOHOTO aHANM3a
JUTEPATypbl, MBI PACCMOTPENN TIPOLECC IPEBPAIICHUI
rnepBou MOJIEKYJbl ~ 3TUJIEHA  Ha  HEUTpajIbHOM
TeTpasapUUeckoM Kimactepe Pty  Bbu YCTaHOBJIEH
MEXaHHU3M ACTUAPUPOBAHUSA OTHUJICHA, BBISIBJICHBI
aJIbTEepHATHBHBIC ITyTH, KOTOPBIE M3-32 BHICOKUX OaphepoB
AKTHBAIlMM OKa3ajHCh HE KOHKYPEHTOCIOCOOHBIMH. B
3TOM  paboTe MBI  INIPOAOIDKAEM  HCCIIEIOBaHHE
IOpeBpallleHs] MaJbIX YIIEBOJOPOIOB Ha KiacTepax
TUTATHHBI Ha TPUMEpPEe KOHBEPCHU IBYX MOJICKYIN STHIICHA
Ha HEHTPaTbHOM TETPadPHUECKOM Kiactepe 'Pt;.

JampHeimee  mpoTeKaHHWE  peakuud  Oyzder
paccMOTPEeHO B MOCIEAYIONMX MyOauKanusx. B mpomecce
W3yYeHHUs] ObUIM MOJY4YeHbl MHOTOYHCIICHHBIE ITaHHBIE O
CTpYKType peareHTaM, mnepexomnbix cocrosHuil (IIC) u

NPOIYKTOB 3JIEMEHTAPHBIX cragui CIIOKHOU
MHOTOCTaIUIHHON peakiuu. B NaHHOM COOOIIEHHH MBI
MPUBOAMM  TOJBKO  HauOoJiee  CYIIECTBEHHBIC  JUIS

IIOHUMAaHHA MCXaHU3Ma CBCIACHHUA O 6ap1;epax BaKHEHIIINX
MpoueccoB.

1. MeToguka nccnenoBaHus

HccnenoBanue KaTAJIMTUYECKON peakuuu
STHIICHA TPOBOJIIIOCE Ha TETpadapudIecKoM Kiactepe Pty.
PacdeTs mpoBOAMIHCEH ¢ HCMIOTB30BAHUEM METO/Ia TEOPUH
¢yskunonana mwiotHoctn PBE [2] B momHO37IEKTpOHHOM
CKaJIIPHOM PENIITUBUCTCKOM NpuOmmkeHuun [3] B 6asuce
rayccoBbix ¢ynkuuid L11 [4], peanuzoBaHHOM B
nporpamme Priroda [S] ¢ y4eToM KOpPPEIAIUOHHBIX
nonpaBok [3]. beuin JOKaNM30BaHBI BCE MHTEPMEAMATHI,
paszelsomune UX Mepexo Hble COCTOSHUS, U PacCUUTaHEI
MyTH PEaKIUH, COCAUHSIONINE PEAreHThl U MPOIYKTHI IS
KaXJOH DJIIEMEHTApHOW cramuu. Tum oOHapyXeHHBIX
AKCTPEMYMOB (MHHAMYMBI W TIEPEXOIHBIC COCTOSHUS)
OTIpeNeIsUICS IyTeM pacyera COOCTBCHHBIX 3HAYCHHH
MATPUIBl CHWIOBBIX KOHCTAHT (YacTOT HOPMAIbHBIX
kosnebanuit). MccnenoBanus MpOBOAMINCH HA CHHTJIETHOM
MMOBEPXHOCTH MMOTCHINAIEHONW YHEPTUH.

2. Pe3ynbTtathbl M Ux obcyxaeHue

Kartanutuueckue MmMpouecChl, MNPOTCKAIOIIHUEC Ha
KJIacTepax NepexXoaHbIX METAIJIOB BECbMa pa3H006pa3Hb1.
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Panee mpoBeneHHBIE HaMH HCCIEIOBAaHHE ITO3BOJIIIIH
BEIIBUTh  Hambollee  SHEPTeTUYECKH  BHITOJHBIE
HaIPaBJICHUS PEaKIUil MPeBpalleHHs YTIEBOAOPOIOB
Ha KJacTepax IUIATHHBI [6], KOTOpBIE yYUTHIBAIUCH U
IpH TpOBeIeHWH [aHHON pabotel. Ha pucynke 1
NpeACTaBIeHbl pe3ynbTaThl u3ydeHus [IIID g
MeXaHHW3Ma MpPEeBpalleHHsl JBYX MOJIEKYJ JTHIIEHa Ha
TeTpasapuueckoM Kiactepe 'Pt;.
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Puc 1 - Ceuenune IITID a5 peakuuu npeBpalieHust
ABYX  MOJIEKYJ JTWJeHa Ha  HeHTpajbHOM
TeTpadapuuyeckoM kiacrepe Pt,. 3a Hoab mpuHsiTa
CyMMa JHTAJIbIWI H30JJMPOBAHHBIX PeareHTOB JBYX
MOJIEKYJI ITUJIEHA " HEWTPaJLHOTO
TeTpadApu4ecKoro Kiaacrepa Pt,

IIpn B3auMOAEHCTBHU MOJIEKYJbl 3THJIEHA C
KJIaCTEpOM 'Pt,C,H, oOpa3yeTcsi MpeapeaKkiuOHHAs
cTpykTypa 1 (puc. 2), sHTampnust KOTOpod Ha 97.2
KKaJI/MOJIb HI)KE, YEM CyMMa DHTAJbIIMH 00pa3oBaHUs
M30JIMPOBAaHHBIX MOJIEKyn peareHToB. Ciemyromas
cragus npouecca (bapeep 31.8 Kkay/Monb) cBsi3aHa C
paspeiBoMm C-H cBA3M B 3TWIICHE, YTO NPUBOAMT K
paspeiBy cBssu C-Pt ¢ oOpa3oBaHWEM CTPYKTYpHI 2
(puc.2). CTOUT OTMETUTH, YTO HA STOU CTAIMH XOPOIIO
BUAHO BiusHue cBsa3u Pt-H Ha cBs3p Pt-Pt. Taxkum
obpa3zom, oOpazoBanme cBs3eii Pt-H mnpuBomut
YAJIMHEHUIO cocelHel cBA3M Pt-Pt, koTopoe BbIpakeHO
TeM cuibHee, yeM Oomnbiie yron H-Pt-Pt mpubmmxaercs
K JIMHEHHOMY. 3a CYET BJIMSIHUS BOJOPO/A PAacCTOSHUE
Pt2-Pt4 u Pt3-Pt4 wusmenarcs or cTpykTtypel 1 K
ctpykrype 2 or 2.85 A 1 2.69 A 10 2.5 A u 2.88 A
COOTBETCTBEHHO.




Hanee ¢ HeOompIuM OapbepoM (1.64 Kkay/MOJIb)
obOpasyeTcst CTpyKTypa 3, TMOCIE dYero MpOUCXOTUT
MUrpanus aTomMa BOJOpOJa Ha COCEIHHH aTOM IUIATHHBI
Yepe3 MOCTHUKOBOE IOJIOKEHHE MEXIy ABYMs aTroMaMu
wiatusel (3—>4), npu 3ToM cBsi3b Pt-Pt yanunsercs ¢ 2.65
A o 2.83 A. Ommako ma crnemyromeii craguu (56,
Oapbep 0.9 kkay/mMoIb), Mocie yxoJa aToMa BOJOpOAa U3
MOCTHKOBOT'O TIOJIOXKEHHMS, aTa CBSI3b Pt-Pt
BOCCTaHABJIUBAETCA 110 2.68 A.
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Puc 2 - UnTepmennarsbl A peakuuu NpeBpalieHust

ABYX MOJIEKY T THJIEHA Ha HeHTpaJILHOM
TeTpadapuueckom Kiaacrepe Pty
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Puc 3 - UaTepMennatsl s peakidH NpeBpaleHus
ABYX MOJIEKY T THJIEHA Ha HeHTpaJILHOM
TeTpasApuyIecKoM Kiaacrepe Pty

Cragus 6 > 7 cBa3aHa C HEOONBITUM
W3MCHCHHEM T'€OMETPHH, T[O03TOMY TpeOyeT MaJioi
sHTanbnuu aktuBaiuu 0.57 xkan/monb. C Gapbepom 5.6
kkan/Mons (7 > 8) MPOHCXOOHWT MEepeMelieHHe aToMa
BOJIOPOJIa OT OJHOTO MOCTHKOBOTO TIOJIOKEHUS MEXKIY
aTOMaMH IUIATHHBI B JIpyroe, ¢ mochexyromum (8 = 9,
Oaprep 7.7 KKan/MOJIb) IMIEPEHOCOM €0 Ha COCEIHHN aToM
IUTATHHBI, T/€ YXKE HAXOAWTHCS JBa aTroMa BOIOPOIA
(ctpykrypa 9, puc. 3).

Ipouecc (9 = 10) orpeiBa aTomMa BOJAOpOAA OT
yriepoja c Mocilenyronel Murpauydeid BoIopoja Ha aToMm
IUIATHHBL ¢ 00pa30BaHUEM aleTHICHOBro (parmMeHTa
MPOUCXOTUT ¢ Oapsepom 14.5 kkan/moiss. Ilocime dgero
aTOM BOJIOPOJIa MUTPUPYET Ha CBOOOHBIN COCETHHI aTOM
mwiatusel (10 > 11 2> 12, 6apeepst 1.84 kkan/monb u 8.9
KKaJl/MOJIb, ~ COOTBETCTBEHHO)  Yepe3  MOCTHKOBOE
nosoxxenue (crpykrypa 11, puc. 3). Ilpu murpaunu aroma
BOJIOPOJIa B MOCTHKOBOE TIOJIOXKECHUEM CBs3b Pt-Pt Tak ke
mmenserca (ot 2.55 A mo 2.74 A ¢ mocnemyromum

yMmeHblenneM 10 2.64 Ay crpykryp 10, 11 u 12
cooTBeTCTBEHHO). CTOUT OOpaTWTh BHHMAaHHE, YTO
OTHOCHTENBHO BBICOKHI Oapbep (8.9 kkan/mons, 11 >
12) BO3MOXKHO CBSI3aH C Te€M, YTO MHUIpAIMs aToMa
BOJIOPO/Ia TPOUCXOJMT OT OJHOIO MOCTHKOBOTO
TIOJIOKEHHS MEXTy aTOMaMH BOJIOPOAA B IPYTOE.

C oHramemuer axkTuBanuu 3.66 KKaJl/MOIb
MIPOMCXO/IUT YBEJIMUEHHE PACCTOSIHUS MEXAY aTOMaMH
miatuesl (ot 2.64 A gm0 2.8 A) ma KkoTopmx
pacronararoTcs aueTuieHoBbie pparmenTsl (12 =2 13)
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Puc 4 - UuTepMeanaTsl AJ18 peakuH MpeBpaleHns
ABYX  MOJIEKYJ JTWJeHa Ha  HeHTpajbHOM
TeTpadapuueckoM Kjaacrepe Pty

JInmutupytomei craauedl mpouecca B LEIOM
spisiercst  npouece (13 > 14) aumepusauuu
aIleTWICHOBBIX (parMeHTOB ¢ 0Opa3oBaHHEM CBS3H
yraepon-yriaepon  (3HTambmus — aktuBarmum - 48.5
KKaJI/MOJIib), 1ipu 3ToM pacctosiius C-C yMeHbIIaeTcs ¢
4.47 A (ctpykrypa 13, puc. 4) mo 1.5 A (ctpykrypa 14,
puc. 4).

Hanee (14 > 15) ¢ GapbepoM 2.2 KKaJl/MOJb
NPOUCXOJUT Pa3phIB CBA3M aToMa yriiepojia ¢ aTOMOM
IUTaTHHBI, IPU 3TOM paccTosHus Pt-C yBennuuBaercs ¢
2.1 A (ctpykrypa 14, puc. 4) 1o 3 A (ctpykrypa 15,
puc. 4).

C eme MeHpmuM OapsepoM 2.1 KKaja/Moib
MIPOMCXOIUT BTOPOIl pa3phIB CBSI3M aToMa yIJepoja C
aromoM tuatusel (15 = 16), npu 3toMm paccrosiaus Pt-
C rakxe yBenumuuBaercs ¢ 2.1 A (ctpykrypa 15, puc.
4) 1o 3 A (ctpykrypa 16, puc. 4). B crpykrype 16
(puc.4) Bce dYeThIpe aToma YIJIEpoja PacIlOJIOKEHBI B
OJTHOM TIOCKOCTH.

Ilocne wero MMpoUCXoaAuT MUIrpalusd aToMa
yrieposa B MOCTUKOBOE IOJIOKEHHE MEXIY aroMaMH
IUIATHHBL. JTOT mpouecc 16 —> 17 mpoucxomuT ¢
GapbepoM 15.6 Kkai/MoJIb, CTOJNIb BBICOKHH Oapbep
OOBSCHSETCS  CHIBHBIM  M3MEHEHHEM  T'€OMETPUH
oOpa3oBaBIelicss CcTpyKTypsl. Tak paccrosame Pt-Pt
yBenuuuBaetcs ot 2.5 A (ctpykrypa 16, puc. 4) 1o 3.1
A (ctpyxrypa 17, puc. 4), a 06pa3oBbIBafomascs CBI3b
Pt-C ymensmaercs ¢ 3.4 A (ctpykrypa 16, puc. 4) 1o
2.1 A (ctpyxrypa 17, puc. 4), KpoMe TOrO CHILHO
MEHSIOTCS U JPYTHE PACCTOSIHUS MEXIY CBs3siMu Pt-Pt.

3aKII0YnTeIbHOM cTaguen B
paccMaTpuBaeMOM IIPOLIECCE SIBIISIETCS IepeMelleHNe
aToMa yrjepoia M3 MOCTHKOBOTO MOJOXEHHS MEXIY
aTOMaMH IUIaTHHBI Ha aTOM IUIATHHBL, THE YXKe
HAXOAUTCS APYrod aToMm yriepona. Jrta cramus 17 =



18 mpoucxomuT ¢ emie Ooybliel >HEPTHEH aKTHBAIMH
(27.42 kxan/monp), dYeM TpenbIAyIIas, MPA 3TOM
BOCCTAaHaBNHBAeTCA cBa3b Pt-Pt (o1 3.1 A (ctpykTypa 17,
puc. 4) 10 2.5 A (ctpykrypa 18, puc. 4)) . IIpu 3T0M cTOUT
OTMETHTh, YTO BCE YCTHIPE aToMa BOJOPOJA, KOTOPHIC
pacmoyiararoTcsi ~ Ha ~ pa3HBIX ~ aroMax  IUIATHHBI
PacCIIOI0KEHBI TPAKTUYECKU B OHOM IIOCKOCTH.

BbiBoabl

B pabote mpuBomaTcs pe3yabTaThl UCCIECIOBAHUS
mporiecca TPEeBpaIleHus] JBYX MOJEKYJI OJTHJICHa Ha
HEUTpaJIBbHOM  TETPadIPUUECKOM kinacrepe Pty
YcTaHOBIEH MEXaHHW3M JTOrO IpoIecca M OIpeleneHa
nuMuTHpyomas cragust (13 = 14, sHTaIbIUS aKTHBALIUH
48.5 KKaia/Moyib), KOTOpas SBJSIETCA JUMEpH3anueit
AlCTWICHOBBIX  (DParMEHTOB C 00Opa30BaHHEM  CBS3H
YIIepOJ-yIIIEpO.

B cuenyromux

pa60Tax MBI MMPOAOJIKUM

HCCIIEZIOBATh MPOLECC KOHBEPCHU MOJIEKYIN STHJICHA Ha
HEUTpaJbHOM TEeTpa’ipuyeckoM kiacrepe Pty wu
paccMOTpUM  MEXaHU3M IPHUCOEAWHEHHE TpeThel
MOJIEKYJIBl 3THJIEHA C BO3MOJKHOCTBIO TOJIyUEHHS
MOJIEKYJIbI OEH30I1a.

Bcee pacyeThl ObLIN BBITTIOJIHCHBI B

MexBeJOMCTBEHHOM  CYNEPKOMIIBIOTEPHOM  LIEHTPE
PAH.
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