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MeTa poboTu 2

3’sicyBaHHA BNAUBY CKIlagy KaTaniTUYHMX CUCTEM Ha ocHoBi okcupaiB (Mg, Al, Zr, Si) Ta
yeonitiB (cTpykTtypHux tunie BEA, MFI, MOR, FAU) Ha ¢yHKUiOHanbHi BNacTMBOCTI IX
NnoBepxHi, BU3HAYEHHA WNAXiB peryrnioBaHHA LUX BRacTUBOCTEUW AN [OOCATHEHHS
BUCOKOI aKTUBHOCTi, CeNeKTUBHOCTIi Ta CTabinbHOCTI po60oTM B npouecax oaepXaHHA
NPOMMUCNOBO BaXnNUBUX BYrneBoAHIiB (eTurieHy, nponineHy, 1,3-0ytapieHy, isomepiB
rekcaHy) Ta okcureHaTtiB (1-OytaHony, 2-etun-l-rekcaHony) 3 BiQHOBJOBalIbHOI
cupoBuHMU (biocnupTiB) Ta pPoO3poO6NeHHA HOBUX edeKTUBHUX nosidpyHKUioOHaNbHMUX
KaTtanisaTopiB TakKux npouecis.

AKTyanbHIiCTb po0oTH

Biomaca

MeTaHon ETaHon ﬁ 1-I'e|<qa|-|on
ETuneH P / N\ \

MponineH | 1 3 Byrapien  1-ByrtaHon H-Fe\KcaH
\

Iaomepu rekcaHy

2-ETMn-1-rekcaHon

Y poboTti npeacraBneHo pe3ynbTaTu A[OCNIMKEeHb HOBUX nNonipyHKUiOHaNbHUX
KaTarnisatopiB Ana npoueciB OTPMMaHHA NPOMUCITIOBO BaXNMBUX BYrNeBOAHIB (€ETUIEHY,
nponineHy, 1,3-6ytagieHy, i3omepiB rekcaHy) ta okcureHaTtiB (l1-OytaHony, 2-etun-1-
rekcaHony) 3 C, , ,-6iocnupTiB WNAXOM NOCNIAOBHUX NEPETBOPEHb.



HaykoBi 3aBaaHHA poboTu

> BwusHauyeHHa BMNMBY cKragy OKCMAHMX KaTanidatopiB Zn(Ag)/Mg(Zr, La)-Si Ta MeToaiB iX
NPUroTyBaHHA Ha KMCITOTHO-OCHOBHI Ta KaTaniTuyHi BnactueocTi B ETB-npoueci;

> BCTaHOBMEHHS BNMWBY XapaKTEPUCTUK MOPUCTOI CTPYKTYPU KPeMHEe3eMOBMICHOrO KOMMOHEHTY
ZnlLaZrSi-okcngHnx CUCTEM Ha X KaTaniTU4Hi BNacTUBOCTI Y npoueci oTpuMaHHsa 1,3-6ytagieHy i3
eTaHON-BOAHMX CyMiLlen;

> 3’[acyBaHHA NpUpoAN Oe3aKTUBYKOYOro Ail BogM Ha npouec nepeTBopeHHA eTaHony B 1,3-6yTagieH
Yy NPUCYTHOCTI OKcnaHux Zn-Zr(La)-Si Ta yeonitHux Cu(Ag, Zn)/Ta/SIBEA kaTanisaTopis;

> 3’acyBaHHA BnnuBy criBBigHoweHHA Mg/Al B cuctemax MgO-Al,O; Ha koHUeHTpauilo i cuny
KMCNOTHUX/OCHOBHUX LIEHTPIB MOBEPXHi Ta KaTaniTU4Hi BNacTUBOCTI B Mpouecax nepeTBOPEHHS
eTaHony B 1-6ytaHon ta 1-6ytaHony B 2-eTun-1-rekcaHor;

> BcraHoBrneHHsa Bnnuey moaudikytoumx pobasok (La,0; CeO,, Y,03;) Ha KUMCNOTHO-OCHOBHI
XapaKTEPUCTUKM MOBEPXHI Ta KaTaniTU4Hi BMacTMBOCTI (aKTUBHICTb, CENEKTUBHICTb) CUCTEM Ha
ocHoBi MgO-Al,O; i ZrO, cTOCOBHO NpoLecy NepeTBopeHHs eTaHony B 1-6yTaHon;

> 3’dcyBaHHA BMJMBY CMiBBIOHOWEHHS KOMMOHEHTIB Yy CKNnagi CUCTEM Ha OCHOBI  LEOSiTy
cTpyktypHoro tuny MFI i AlLO; Ha iX CTPYKTYpHi i KUCNOTHI XapakTepuCTUKK, LLO BU3HAYaloTb
aKTUBHICTb OTPMMaHMX KaTtanisaTopiB Yy peakuil nepeTBOPEeHHs MeTaHosly OO0 eTUSIeHy Ta
nponinexy;

> BcTaHOBMEHHsA BNMMBY KIHETUYHOrO PO3Mipy MOJSIEKYNWN peareHTy, TennoTu agcopbuii, po3mipy
MIKpOMOp, a TakoX 3aByrieLuoBaHHS NOBEPXHI HAa pexxnm andoysil peareHTiB Y 3epHi KaTanisaTopa;
> BcTaHOBEHHS 3aKOHOMIPHOCTEW 3MiHN aKTUBHOCTI Ta CENEKTUBHOCTI NepeTBOPEHHS H-rekcaHy Ha
MOHO- Ta BiMeTaniyHMX LeOoniTHMUX KaTanisatopax 3 pPisHUM BMICTOM MeTaniyHOI KOMMOHEHTN;

» 3’AcyBaHHA poni aKTUBHUX LIEHTPIB 30BHILWHLOI MOBEPXHI LEOMITHMUX KaTanisaTopiB KMCMNOTHOrO i
OCHOBHOro TuUny Yy npouecax nepeTBOpPeHHSA BYrIeBOLHIB, BCTAHOBJIEHHA LWNAXIB MNiABULLEHHSA
CENEKTMBHOCTI 3a BU3HAYEHUMU LiSTbOBUMW NpoayKkTammn Ta ctabinbHOCTi poboTh y Yaci.



Peanisauisa TaHgeMm-npoueciB Ha OipyHKLiOHaNIbHMUX KaTanizatopax
|
“A cascade reaction, also known as a domino reaction or tandem reaction, is a process involving two or more consecutive
reactions in which subsequent reactions result as a consequence of the functionality formed by bond formation or
fragmentation in the previous step.” Angew. Chem. Int. Ed. 1993, 32, 131-163.
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OpgHa 3 KIno4oBMX YMOB Nepebiry TaHOeM-NpoLeciB — HASBHICTb aKTUBHUX LEHTPIB
PI3HMX TUMIB HA NOBEPXHI KaTanisaTopis.
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BnnuB npupoau cunikatHoro Hocis y cknagi ZnLaZr/Si okcuaHuUx cuctem B 5

nﬁoueci neﬁeTBOPeHHﬂ eTaHON-BOAHMUX cxmimeﬁ B 1,3—6¥Ta.qie|-|
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eTaHonx B 1,3-6Eap,ie|-|
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KaTtanitTnuHi Bnactusocti cuctem MgO-Al,O; B npoueci nepeTBOpeHHs

EtOH — BuOH ta BuOH — 2-EH

KoHueHTpauifs KUCIOTHUX KoHueHTpauifs 0oCHOBHUX

KaTanisatop

ueHTpiB C,, mmonb NH./r ueHTpiB C,, mmonb CO./r

MgO 0,15 0,18 0,8
Mg-Al-4 0,46 0,13 35
Mg-Al-3 0,80 0,25 3.2
Mg-Al-2 0,61 0,21 2,9
Mg-Al-1 0,58 0,30 1,9
AlL,O, 0,94 0,24 3.9
t =300 °C; Wgon = 0,235 ngon/ (N, TOA) t =300 °C; Wg,0n = 0,250 ng,on/(M,,-TOA)
X S c v IS0, = Poo, -XBUOH =?f222rr P

EtOH oA
Y. sy ElY... —P,

100
90-
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X2 60

0

><"40-
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Al,O, 11 21 3:1 41 MgO AlL,LO, _11 2:1 3:1 41  MgO
Mg/Al cniBBigHOLLEHHS Mg/Al cniBBigHOLWEHHsI
KaTtanizatop MgO-Al, O, (2:1) Katanizatop MgO-Al,O; (1:1)
S, =87%, Y ;= 23,5%

Hanbinbwun Buxin BuOH Ta 2-EH pocAraeTbcs B npucyTtHocTi KatanisatopiB MgO-Al,O; 3i
cniBBigHoweHHAM Mg/Al = 1+2 Ta C,/C,, = 1,9+2,9.
2 — BCi yTBOpeHi cnupTtu: 1-6yTtaHon, 2-etun-1-6yrtaHon, 1-rekcaHon, 2-eTun-1-rekcaHors, 1-OKTaHon.




Bnnue moaudikyrounx go6aBok Ha KatanitTuyHi Bnactusocti MgO-Al,O, 9

CUCTEM B ngoHeci rasogasHoro negeTBogeHHﬂ eTaHonx B 1-6¥Ta|-|on

POA TNA NH, Ta CO,
CUHTE30BaHMUX riapoTanbKiTiB
= La(OH), Katanizatop KwucnotHictb C,, BiaH.0a.  OcHoBHicTb C,, BiAH.oA. C./Cy
* CeO, Mg-Al 1.1 2,5 2,2
= l A yMg-Al-La Mg-Al-Ce 1,7 2,8 1,6
° Mg-Al-La 1,5 2.8 1,9
=)
o x Ao \ Mg-Al-Ce
= J g 164 Mg-Al 164 Mg-Al-Ce 16 Mg-Al-La
. B Aueranbperi
|100 T=325°C, B ETen+avetunosuin etep
J " Ma-Al 121 W=0,14rrlron? 124 12 B 1-byranon
g- ;\3” ] 1-rexcaron
10 20 30 40 50 60 70 g 8 8 8
i 20 (°) N
nicnsa npoXxaproBaHHA 3a 600°C 4 y 4]
= L3203 1 |
& * CeO,
4 MgO ] 0. 0-
. A 0,5 3 6 0,5 3 6 0,5 3 6
Yac peakuii (roa) Yac peakuii (rog) Yac peakuii (rog)
- Mg-Al-La
S .
& A s ) i Ma-Al-Ce O OonyBaHHa MgO-Al,O; okcupaamMum naHTaHy Ta Uepito
o g cnpusic 30iNblIeHHK KiNbKOCTI aKTUBHUX LEHTpIB
~ 1|20 peakuil gerigpyBaHHA eTaHONy A0 aueTanbaerigy.
Mg-Al . : : .
K.B. Banieypa, O.B. llapiHa ma iH. Teopem. ma ekcriepum. ximis. 56 (2020) 373

10 2'0 3'0 4'0 5'0 6'0 7'0 O.V. Larina et al. Reaction Kinetics, Mechanisms and Catalysis. 132 (2021) 359
26 ()



Bnnue moaudikyrouoi ao6aBsku Y,O, Ha KaTaniTM4Hi BNacTUBOCTiI CUCTEM Ha 10

OCHOBI ZrOi B "EOHeCi neEeTBOEeHHﬂ EtOH — BuOH

POA KP-TO NH; Ta CO,
*
. KucnotHictb OCHOBHICTb o
—~| amzo, ;a'"r(gn:sYaTgp C,, Mmonb T'a‘a3 C,, Mmonb TCEZ’
g | * t210, " 271203 NH,/r ’ CO,/r
& NIt J\ M+ 5 [1-2r-Y-300 0,46 180 0,41 225
= 1500 2 — Zr-Y-400 0,42 170 0,23 200
";’ J A A4 [3=2r-Y-500 0,27 150 0,42 325
@ 4 — Zr-Y-700 0,14 250 0,12 250
2 JC A a3 5o zivene 007 | 200 | 008 150
b 2
— JL____./\_.____ — . —_
RS 1 t =300 °C; Weion = 0,2 Ngopl (N roA)
10 20 30 40 50 60 70 0 =)S(E‘°H
20, (0) i YBuOH
J - BuOH

Crabinisaudia TeTparoHanbHoOi ¢a3un
ZrO, pob6aBkoto Y,O;Ta peryntoBaHHA
TemMnepatypu npoXxaprBaHHA KaTa-
nisaropa (ontumym 3a 500°C) cnpusie
30iNnblWeHHI KOHUeHTpauil OCHOBHUX
LLeHTPiB Ha NOBEPXHi.

KaTanisaTtop ZrO,-3,4%Y,0,

Zr-Y-300 Zr-Y-400 Zr-Y-500 Zr-Y-700 Zr-Y-900
N.V. Vlasenko, P.I. Kyriienko, K.V. Valihura et al. ACS Omega. 4 (2019) 21469-21476



Ponb andysinHoro c¢paktopa B npoueci nepeTBOPEeHHA MeTaHONy Ha LeoniTHUX 11

KaTaniszatopax
| -

3MiHa KOHUEHTpaUil B LWapi katanisaTopa B 4Yaci =
LUBUAOKICTb ANY3iT + WBNAKICTb peakuil

ac 20%C Y ueonitax - single
T D - 322 + f(C) file andysis
ni,D,BVII.I.I,%I-E:Hﬂ NPOAYKTUBHOCTI npouecy: 6%6 _ 92C
— C T 17 Ya’ gy2
T f( )‘.‘ t 0t 0x
52( KoHBepcia meTtaHONy Ha
9% C 92c D 52 D f H-ZSM-5/Al,0, kaTanizaTopax
= . X
[NepeBarm npouecy:
EYa 92c | 1. CvHTe3 oneqiHiB i3 CMPOBMHM
ET D "2 He HadhTOBOIro MOXOXKEHHS.

2. CwuposuHa — biomaca T1a C,
peyoBuHN (BYrinna Ta
NPUPOLHUN ras).

3. Bwucokuin cTtyniHb KoHBepCil
MeTaHony.

4. Bucokun Buxig C,-C, onediHis.




HaHoKkoMNo3uTHI KaTanisaTopu nepeTBopeHHs MeTaHony ZSM-5/A1,0, 12
|

Brnnue cknapy katanisatopa Ha noro KaTaniTMyHa akTMBHiCTb y peakuyii
400 CprKTypHI )I(apaKTepVICTMKVI nepeTBOPEHHsI MeTaHony
I'IJ1CII.IJ,a I'IDBEFIXHI
= >or 100
s 200 100 4 ™s s .
B CBiXWA b & A R [ ] °
1oy A ® 1 uMKkn pereHepauji 80.- A = .
0 [ | poamip Meaon0p| 80 zo A 2 unkn pereHepauii A A
s ° S "4 *®
z 4t 1 & 60- .3 = 60 B CBiXuA
2l J g_ " - & ® 1 uMKn pereHepauii
) ) g b % A 2 ynkn pereHepauil
0 ] o6'em mikponop z 404 & z 40
0,06 { 8 . 2 2
tE 20 * ' o 20
Co03} i : _
m = ZSM-5 ZSM-5/Al,0, =3/1
0,00 L .
' 0,0 0,2 0,4 0,6 08 1,0 0 . . . . 0
BwmicT U,eoniTy ZS M-5 0 50 100 150 200 0 50 100 150 200
TpwBanicTe poboTn, xB TpuBanicTbk pobotu, xB
Bnnue cknagy katanisatopa
100
Ha KUCIOTHICTb 10048 . . m Caimun B. o 4 : A s
d= 0, 4 3aram=|-|a KMCNOTHICTL 3a aMIaKOM‘ ' 1 n ® 1umkn PEFEHEPEMEI: e n ™
é 0,3} 804 , ™ L A 2 yukn pereHepaduii 80 - ]
° =]
2 ol ‘~ s " I =
’ . - & 60 - L] 5 60 B Ceixud
__3 Cls,g I «vicnoTHi ueHTpw BpeHc:Tena| % ] E,‘ : ;::ﬂ E:;:::g:::':'
g eof 1 2 40- T 40-
g 40r 18 | <
= 20| - ] 204 20
§ 56 [l wweror v o |1 ZSM-5/Al0, =1/1 ZSM-5/Al,0, =1/3
5 20 B T 0 T T T T 0_\ T T T T
E 10 0 50 100 150 200 0 50 100 150 200
= 0 T, TpuBanicts pobotu, xB TpuBanicTb po6oTu, XB

1
0,0 0,2 0,4 0,6 08 1,0

BwmicT ueonity ZSM-5

Po3po6neHi kaTtanizaTopn AeMOHCTPYHOTb BUCOKY CTabiNnbHICTbL pOOOTU Ta 3A4aTHICTb A0 pereHepauii.




CeneKkTUBHICTb, %

CuHTe3 ByrneBoAHiB i3 MeTaHONy Ha KaTtanizatopax ZSM-5/Al,0,
|

100 -

100

13

100 - 100+ = [OME = OME = OME
. °C, ® G ® CH,
SR I S La
4 4 g
o ZSM-5 * o g« ZSM-5/Al,0; =3/1 &= ZSM-5/Al,0; =1/1 & «| ZSM-5/Al, 0, =1/3
® C, o E L o
0] : 2: % wfee o . E q3,0, . % L .
s a § H | § 20 § : -
zof',' t 20+ . " b, . ° 20
| |
ojm® e |‘ ‘ () e A nﬂ:: ) 4 & i o . 0"“ . . * ‘
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TpuBanicTe poboTu, xB

TpuBanictb po6oTK, X8

TpuBanictb po6oTK, X8

TpuBanicTL po6otn, XB

Po3pobneHi kaTtanizatopu xapakTepu3ylTbCs CeJIeKTUBHICTIO 3a eTuneHom noHag 40%
Ta BUCOKOK TPUBANICTIO POOOTM 3a pPaxyHOK 3HUXEHHSI CUIIM KMUCINOTHUX LEeHTpIB Ta

NPUCKOPEHHA TPaAaHCNOPTY peareHTiB y 3epHi KaTtanisaTtopa.

BnnuB (ge3)akTuBauil KaTtasnizatopa Ha TEKCTYpPHi BJylaCTUBOCTI Ta 4ac
yTPUMaHHS peareHTiB

200

. Micna Micna Oo
KaTtanisatop .. I
aKkTMBaUii Ae3akTuBauii akTuBauii ey
fluroma nnota 272 206 263 g
noBepXHi, M2/r S 100- |
Po3mip mikponop, HM 0,9 0,9 0,9 5 \\
Po3mip me3onop, HM 3,9 4,0 4,0 5 50 \ |
06’cm nop, cm3r 0,22 0,20 0,22 \ -
0O6’em mikponop 0- %§ -
3/ ’ 0,04 0,02 0,04 Oo Nicna Nicns
cMmIT akTusauir aKTuBauil  gesakrtuBauil
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Bnnue KiHeTUYHOIroO AiameTpy MorsieKynu andy3aHTy Ta TensioTn agcopouil
Moriekynu audysaTty Ha iHAMBiAYyanNnbHUX CKNagoBUX KaTarisaTtopa Ha peXxum
TpaHCNOPTY Yy 3€epHi KaTanisaTopa

K_iHeTMqHMFl EHepria aagcopb6uii, kx/Mmonb Pexum audysii
AlaMeTp, HM ZSM-5 Al,Oq
MeTaH 0,38 25 20 PiKiBCbKUN
MeTtaHon 0,41 65-120 94 AHOManbHUN
IaonponaHon 0,47 125 89-121 AHOManNbLHUN
H-l'ekcaH 0,43 71-90 32-35 AHOManbHUN
BeH3on 0,59 80 42—-45 PiKiBCbKUN
LUuknorekcaH 0,60 63 34 dDikiBCbKUU
LUuknorekcaHon 0,60 30 121 dikiBCbKUU

Pexxum gudysil y 3epHi KaTtanizatopa € aHOManbHUM nuvile B TOMY BUMNaAKy, SAKLWO
BUKOHYIOTbCA TaKi ymoBM: (i) KiHETUMHUM AiaMeTp MOJIeKYSIM € MEeHLIMM 3a pPo3Mip
Mikponop ueonity ZSM-5 (0,56 HM), (ii) TennoTta aacop6uii ancysaty Ha iHAMBIAYaNnbHUX
CKNnapoBuX KaTanisatopa nepeBullye 3Ha4YeHHA 6nnM3bko 40-45 k[x/Monb. TakuM YMHOM,
KpUTEepieM BUHUKHEHHA aHoManbHOI AUdy3il € 3AaTHICTb MOJEKYynM MpPOHUKaATU Ao
MiKponop TBepAaoro Tina ta agcopbyBaTucs 3 BUCOKOK TENNOTOK agcopouii.
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OKTtaose unucno AHTUAETOHALN CKna.q 69H3VIHy

Cnonyka AoCnigHWii  moTopHMii meToa, HWM iHAeKc AKI

metog, (RON) (MON) = (RON+MON)/2 -
H-NeHTaH 62 62 62 o
i30-neHTaH 90 —
H-reKcaH 25 26.0 26
MemuaneHTaHu 73-75 74-77 74-76
oumemunbyTtaHu 93-95
LMKNOreKcaH 84
6eH3eH 101 cyclo- iso-
TonyeH 121 107 114 n-alkanes | alkanes | alkanes

Knacu nanus Yy pI3HVIX Kpau-lax 3anexHo Big OKTaHOBOFO Yyucna
RON 91 92 93 94 95 9% 97 98 99 100 101 102

Scandinavian Regular Premium
UK Regular Premium| Super High-performance
USA Regular Mid-grade Premium

Mid-grade RENEWABLE
3anpoBapxeHHs ctaHaapTtiB nanmBa «kEURO» B €C Ta YKkpailHi [ ][ == .,.,.:.,
3abopoHa BMKOPUCTaHHS TETPaETUNCBUHLIKD | 87 89 92
ObBmMexeHHs1 BMIiCTY OBMexXeHHs BMICTY
apeHiB < 40, 6eHzony < 2,5 %06.| apeHis < 35, Bersony < 1%o06. RON 91 - 95 RON 94 - 95 RON 96 - 99 RON 99 - 102
EU Euro 0 Euro 1 Euro 2 Euro 3 Euro 4 Euro 5 Euro 6 Euro 7
l l l 12006 l 2013 l 2016 l
REEEEEEEEEEEEEEEEEEE REEEER SRR NN
1988 1992 1996 2000 2003 2005 20_08 20*14 AMOBIipHO 2035
YkpaiHa Euro 2 Euro 3 Euro4 Euro5 Euro 6
3abopoHa BUKOPUCTaHHA TETPaeTUNCBUHLIKD | OBmexeHHs BmicTy ObmerxeHHs BmicTy
apeHiB < 40, apeHiB <35, 6ensony < 1%06.
GeHsony < 2,5 %006.
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OpepxaHo BUCOKOcCeneKTuBHi (86-97 %) ueoniTHi KaTtanizatopu isomepu3sauii NiHIMHUX

ByrrneBoAHiB Ha ocHoBi HMFI:

Q - Ni-BMicHMX, 3a edeKTUBHICTIO HabnumxeHun Ao Pd-BMIiCHOro 3 TakKok X KinbKicTio
MeTasliyHoi KOMMOHEHTU (BUXOoAu i30MepiB rekcaHy 3a MiKpoiMMyNbCHUX YMOB TeCTyBaHHSA
— 33 % mac. 3a 225 °C i 50-52 % 3a 275-300 °C BignoBigHo);

Q = Pd-BmicHi i3 BABi4i HWX4YMmM Bmictom metany (0,5 % mac.), ki 36epiraloTb BUCOKUU
Buxig isomepiB — 48-52,5 % mac. 3a 275-300 °C (MoHomeTaniyHuin) i 42 % mac. 3a 250 °C
(6imeTaniuyHun);

Q - OimeTtaniyHuMn katanizatop (no 0,5 % mac. Pd i Ni), askum pgemoHcTpye 42 % BuUxig
i3omepiB rekcaHy 3a 250 °C 3a 45 % KoHBepcCil.




Bnnue MmoandikyBaHHA 30BHiLLHLOI NOBEPXHI 17
N

3oBHiWHA noBepxHs (3-10% 3aranbHOi  [IPUYUHN 3HNKEHHA aKTUBHOCTI LIeONITHUX KaTanisaTopiB:
NoBepXHi LeorniTy)

KucnortHi:
oneciH — KapboKaTiOH — KOKC

OCHOBHi:
* OTPYEHHSA LIEHTPIB,
* YTBOPEHHS1 KOKCY Ha 3afIMLKOBUX KUCITOTHUX LleHTpax

AKTMBHa He3akTuBoBaHa

BpeHcTena (BKL).
KpekiHr onediHy Ha MNMapa-gucnponopuioHyBaHHA AnkinyBaHHA TOnyony

. kucnotHomy ueoniti FAU (Y) TONyorsly Ha KUCFIOTHOMY MeTaHOJIOM Ha OCHOBHOMY
Q - o " m = .

: 100 500 °C 604 400 °C ueoniti MFI 10— yeoniti FAU (X)
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Yueno iMnynbeie onedity (mo 1 Mkn) KinbkicTb TaMnoHyto4oro areHTa, % mac. T °C

Brnepwe nokasaHo, wWo MoAaudiKyBaHHA 30BHIiWWHLOI MOBEPXHi LEONiTHMX MiKpoKpucTanis
AeantoMiHylOYMMN areHTaMu Cnpusa€ NOAOBXEHHK CcTabinbHOI pob6oTu KaTani3aTopiB Ha OCHOBI
veonity FAU B peakuii KpeKiHry, a TakoX B arfKinyBaHHi TONnyosly MeTaHONom y Oi4yHMM naHuror 3
NPUrHiYeHHAM YTBOPEHHS NOGIYHUX NPOAYKTIB y Uin peakuii. 3HanaeHO e(peKTUBHUN TaMMNOHYIO4YUN
areHT, 3acTtocyBaHHsli fiKoro npu moaudikyBaHHi rekcadpropcunikatom amoHito ueornity MFI mano
Hacnigkom nigBuweHHA y 1,5 pa3a noro napa-ceneKTMBHOCTI Yy AUcnponopuioHyBaHHi Tonyony.
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1. 3’acoBaHoO npupoay Ae3aKTUBYIOYOI Aii BOAU Ha nNpouec nepeTBOpeHHs eTaHony B 1,3-6yTaaieH
y NPUCYTHOCTI okcnaHux Zn-Zr(La)-Si Ta yeonitHux Cu(Ag, Zn)/Ta/SIBEA kaTtanizaTopiB. 3a gaHnmMmu in situ I14-
CNeKTpOoCKoNii 3 eTaHOSIOM Ta aueTOHOM SIK MOJIeKyn-30HAIB BCTaHOBNEHO, WO 3HWXEHHS1 KOHBepCil eTaHONy
Ta CeneKTUBHOCTI 3a 1,3-6yTagieHOM y NpPUCYTHOCTIi BoAM BiAOyBaeTbLCA BHACniAOK ONOKYyBaHHA 4aCcTUHMU
LEeHTPiB anbAoNfibHOI KOHAeHcauil auetanbgeriny — Knw4doBoil peakuii ETB-npouecy. BusHauyeHo wnsaxu
CTBOPEHHAA HOBMX nonihyHKUiOHaNbHUX KaTani3aTtopiB, TONMepaHTHUX A0 Aii BoAu, SAKi MOXYyTb OyTu
BUKOPUCTaHi ana eceKkTUBHOI nepepodkn 6ioeTaHonNy B LiiHHI OpraHivyHi NpoayKTM.

2. BcTaHOBNEHO, WO XapaKTepUCTUKU NOPUCTOI CTPYKTYpuU ZnlLaZrSi-oKcuaHuxX cucrtem,
ccopmoBaHMX Ha OCHOBI KpeMHe3eMiB pPi3HMX TUMNIB Ta AeantoMiHOBaHOro uUeonity CTpyktypu BEA, He €
KPUTUYHUMM NapamMeTpamMu AnA OCArHEHHA BUCOKMX CeNleKTUBHOCTI Ta Buxoay 1,3-6ytagieHy. AKTUBHICTb Ta
CeNneKTUBHICTb KaTanisaTtopiB 3anexatb Bif KWUCNMOTHO-OCHOBHMX BJacTUMBOCTEM IX MNOBEPXHi, SAKi
BU3HA4YalOTbCA MNPUPOAOIHD KPEMHE3eMBMICHOro KOMMNOHEeHTy. HamBuuii 3Ha4vyeHHs1 cenekTUBHOCTI 3a 1,3-
OyTagieHOM [ocCAralTbLCA 3a y4acTio KaTtanisaTopiB Ha ocHoBi cunikarento KCKI (65-68%) Ta SBA-15 (63%).

3. MokasaHo, Wo cnocido BBegeHHA ZnO Ta MOro KUCNOTHO-OCHOBHi XapaKTepPUCTUKU CYTTEBUM
YMHOM BMNNUBaAKOTb Ha KaTaniTU4Hi BrnacTusBocTi komno3uuii ZnO/ZrO,-SiO,, sika € oAHie 3 HaubinbL
aKTUBHUX B npoueci NnepeTBOPEHHA fIK eTaHomny, TakK i eTaHoOnN-BogHuX cymiwen B 1,3-6ytapgieH. HanbGinbw
aKTUBHMMW KaTanizatopamMm € CUCTEeMU, MPUroToBaHi MeTOAOM MOKPOro 3MmillyBaHHA KOMMOHEHTIB 3
HacTyrnHoOK TepMi4yHOK 0Opobkolw. BusaBneHo, wo moaudikyBaHHA ZnZrSi-OKCUAHMX CUCTEM CrnonykKamu
nanTany (La,O,) cnpusie niaBULIEHHIO CenekTMBHOCTI 3a 1,3-6yTanieHom B ETB-npoueci B npucyTHocCTi BoAu B
peakuinHin cymiwi, wo obymoBneHo ¢dopMyBaHHSIM A0AATKOBUMX OCHOBHUX LEHTPIB 3a y4yacTio KaTiOHIB
JNaHTaHy.

4. 3’sicoBaHo, Wo Mg-Al-okcuaHi KaTanisaTtopu, OTpMMaHi WASAXOM pPO3KNnaAaHHA rigpoTanbKiTiB, y
npouecax nepeTBOPEeHHA eTaHony Ta 1-OyTaHosny y NMPOTOYHIA CUCTEMi NepeBULLYOTb 3a NMPOAYKTUBHICTIO
iHauBiayanbHi okcuau (MgO, Al,O,), Wo o6yMOBNEHO YTBOPEHHAM KUCINOTHO-OCHOBHUX nap Mg-O-Al B 30Hi
KOHTaKTy OKCUAHMUX ¢pa3 MarHiro Ta anoMiHilo (B npoueci npoxaprBaHHA rigpoTanbKitie). OnTumanbHe
CniBBiAHOLWEHHA KUCITOTHUX/OCHOBHUX LEHTPIiB Ha NOBEpPXHi KaTanisatopa BU3HA4Ya€TbCA CMiBBiAHOLWEHHAM
Mg/Al Ta cTaHOBUTL. ANs Npouecy NepeTBOPeHHA eTaHon — 1-6ytaHon — 1,9, AnA npouecy nepeTBOpPeHHs 1-
6ytaHon — 2-etun-l-rekcaHon — 2,9. Hanb6inbwun Buxig 1-6yraHony (18 % i3 cenekTuBHicTIO 65 %) [OCATHYTO
y MPUCYTHOCTI KaTani3aTtopa i3 cniBBigHoweHHAM Mg/Al = 2, Toai sk ana 2-etun-l-rekcaHony (Buxig 11 % i3
ceneKkTuBHicTIO 57 %) AoCArHyTO Ha KaTanisaTtopi 3i cniBBigHoweHHAM Mg/Al = 1.
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5. 3’AacoBaHo, Wo AonyBaHHA KoMmno3uuin MgO-Al,O; (noxigHux rigpoTanbKiTiB) katioHamu La3* Ta Ce3* Ha cTagii
CUHTe3y riApoTanbKiTiB 3yMOBMIOE 30iNblueHHA 3aranbHOI KOHUEHTpauii KACMOTHUX Ta OCHOBHUX LEHTPIiB Ha MOBEpPXHi
KaTanizaTopiB Ta Cnpusic 3pOCTaHHIO LWBWUAKOCTI YTBOPEHHs aueTanbaeriny Ha nepuwin cragii npouecy nepeTBOPEHHs
eTaHony B 1-6ytaHon. 306inbleHHA CNiBBiAHOWEHHA KOHLEHTpauil OCHOBHMX Ta KUCNOTHUX LEHTPIB NOBEpPXHi cnpusie
niABULLIEHHIO NMPOAYKTUBHOCTI KaTanizatopa 3a 1-6ytaHonom. BusHauyeHo, wo po6asku CeO,, Y,0; BNAuBaKOTb Ha Tun
KpucTtaniyHoi rpatkm ZrO, y cKnagi OKCUMAHOI KOMMO3uuii, WO BM3HA4Ya€ KUCITIOTHO-OCHOBHiIi BNacTUBOCTI noBepxHi. B
pe3ynbTaTti cTtabinisadii TeTrparoHanbHoi da3m ZrO, pob6aBkamm CeO, Tta Y,0; BiabyBaeTbCA 30inNblUeHHA KOHLEeHTpauii
OCHOBHMUX LIeHTPIiB Ha NOBepPXHi KaTanisaTopis, WO 3yMOBIIOE NiABULEHHA CENIeKTUBHOCTi YTBOPEHHs 1-6yTaHony 3 eTtaHony
B iX npucytHocTi. Ha kaTanisaTtopi ZrO,-Y,0; AocAraroTbCs BUCOKI 3HAYEHHS CeneKTMBHOCTI YTBOpeHHs (Ao 70 %) Ta Buxoay
1-6ytaHony (17 %).

6. Po3po6neHo psaa HOBUX KaTasi3aTopiB Ha OCHOBI LileoniTy CTpykTtypHoro tuny MFl Ta okcuay antoMmiHito, AKi
XapaKTepu3yrTbCA BUCOKOK aKTUBHICTIO Y MpoLeci CMHTe3y eTuneHy Ta nponineHy 3 metaHony. CTBOpeHi kaTtanisatopu
AEMOHCTPYHOTb MNiABULLEHY NPOAYKTUBHICTbL Ta TpuBanicTb pob6oTM NOpPiBHAHO i3 iCHyrouMmu aHanoramu. lMokpaleHHs
eKcniyaTtauiMHUX BaCTUBOCTEN KaTani3aTopiB AOCArHyTO LWJASIXOM perynioBaHHA CUMU akKTUBHUX KUCIOTHUX LEHTPIB
NOBEPXHi, a TaKOX 3a paxyHOK peani3sauii aHoMarnbHO LUBMAKOro TPaHCNOPTY peareHTiB y 3epHi KaTanisaTtopa.

7. BctaHOBnNeHo Kputepii BUHUMKHEHHSI aHOMasribHOro TPaHCMOPTY peareHTy Yy 3epHi KaTanizaTtopa. 3okpema
aHOMaribHUM PeXWUM TPAHCMOPTY Ma€ Micue 3a TennoTu aacopbuii peareHTy y mikponopax Katanizatopa 6inbLwoi Hix 40-45
k[bk/monb. 3a Takux 3Ha4YeHb TeNMnoOTU apcopbuii TpuBanicTb “cTpUOKIB” MOMNeKyn Ha noOBepxHi TBepAaoro Tina
XapaKkTepu3yeTbCA CTENEeHEeBUM PO3NOAiINoM Heuinoro nopsiaky. BctaHoBneHo, Wo 3aByrneyloBaHHA NOBEPXHi He BNnuBae
Ha aHOManbHUN PEeXUM TPAHCMOPTY peareHTiB y 3epHi kKaTanisaTopa.

8. basyrouncb Ha pe3ynbtaTtax gocnigxeHHs Ni- Ta Pd-BMicHMx GichyHKUiOHaNbLHUX KaTani3aTtopiB Ha OCHOBI
ueonity cTpyktypHoro Tuny MF|I B i3oMepu3auii H-rekcaHy mMoKa3aHO nepeBary TaKuX, fKi MICTATb AucneproBaHi
HaHOYaCTUHKM MeTany po3Mmipom 3—7 HM. OaepxxaHo Ni-BMiCHMM KaTani3aTop Ha OCHOBI LeoniTy CTpykTypHoro tuny MFI, 3a
ecekTUBHICTIO HabnmxeHMn A0 Pd-BMICHOro 3 TakoOK X KiNbKiCTHO MeTaniyHoOi KOMMOHeHTU. BcTaHoBneHo, wWo Ha
MoaucikoBaHMX MeToAoM iOHHOro o6miHy Ni-BMiCHMX uUeosiiTaXx YTBOpPEHi Mani 4YacTUHKW MeTany, WO JoKani3ylTbecs
6e3nocepeaHbLO Gins KUCNOTHUX LIeHTPiIB BpeHcTena, cnpusOTbL CYTTEBOMY 30iNbLUEHHIO CUNKU TaKUX LIEHTPIB i, IK Hacnigok,
3HMXXEHHIO TeMnepaTypu peakuili i3omepu3sauii pa3oM i3 NocuUneHHAM KpekiHry (Ha BiamiHy Big Pd-BmicHuUx 3pa3skiB). Onsa
GimeTaniyHMX KaTanizaTopiB BU3HAYEHO POJib KOXXHOIO 3 MeTaniB y npoueci NnepeTBOpPeHHs MNiHINHOIro rekcaHy B i3omepu.

9. BcTaHOBNEHO HeraTUBHMMA BNJIMB aKTUBHUX LUEHTPIiB 30BHIWHbLOI NOBEpPXHi Ha cTabinbHicTb poboTm
KUCIOTHOro i OCHOBHOro KartanisatopiB (KpekiHry i MeTunyBaHHA B Gi4HMWA naHulor BignoBiaHo). Bneple 3anponoHoBaHO
cnocibé moaudikyBaHHA KaTanizaTtopa geantoMiHyOYMM areHToOM AN 3HUXKEHHS 30BHilUHbOMOBEPXHEBOro 3aByrneyoBaHHS i
NiABULLEHHA CEeNeKTUBHOCTI UiNbOBOro npouecy 3a paxyHOK MNpPUrHiYeHHsi yTBOPEeHHs No6iyHuX npoAayktiB. BusiBneHo
Kno4voBi ¢hakTopu aesakTuBauil OCHOBHOro karanisaTtopa ankinyBaHHSi TOJlyosly METaHOJSIOM Ta 3anpornoHOBaHO MeXaHi3M
Moro 3aByrneLoBaHHS.
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KinbkicTb nybnikadin 3a poboToto: 81
> 1 rnasa B MoHorpadii (BugaHa 3a KopOHOM);
> 43 HaykoBi cTaTTi (31 — y aHrMOMOBHMX XXypHarnax 3 iMnakT-gpakTopom);
> Te3n 33 onoBigen Ha BITYU3HSIHUX | MDKHAPOAHUX KOHMEPEHLISIX;
> 4 nateHTn YKpalHM Ha KOPUCHY MoAerb.

3aranbHa KinbKicTb NocunaHb Ha nyonikadii aBTopis/h-iHaekc po6oTu,

3rigHo ©6a3 gaHuxX cknagae BianoBigHO:
Web of Science — 143/7, Scopus — 168/9, Google Scholar — 202/9.

3aranbHi gaHi npo aBToOpiB poboTH

Onbra BikTtopiBHa JlapiHa — onybnikyBana 2 rnaBn B MoHorpadisx (1 3a kopgoHom), 31
cTaTTio (29 B aHrMOMOBHUX XXYpHanax 3 iMnakT-oakTopoM); oTpumana 6 nateHTiB YKpalHu Ha
KOpucHY mogernb; h-iHgekc (Scopus) — 12.

KapiHa BitaniiBHa Banirypa — onybnikysana 11 ctaten (10 B aHrMOMOBHUX XXypHanax 3
IMNaKT-gpakTopoMm); oTpumana 3 naTeHTn YKpaiHM Ha KopucHy mogenb; h-iHgekc (Scopus) — 4.
Onekcin Onekcinosu4 Xox — onyonikysas 37 ctaten (34 B aHINMOMOBHUX XXypHanax 3
IMNaKT-gakTopoMm); oTpuman 1 naTeHT YKpalHM Ha KOPUCHY Moaenb; h-iHaekc (Scopus) — 7.
OnekcaHpgpa lNeTtpiBHa lMNepTko — onybnikyBana 22 ctaTTi (13 B aHMMOMOBHMX XypHanax 3
IMNakT-cpakTopom); oTpumana 1 nateHT YKpaiHM Ha KOpUCHY moaens; h-iHaekc (Scopus) — 3.

OAaKyemo 3a yBary!



