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Cunre3oBaHo iHmuBiqyansHi oprodocdarn kynpymy (II) ta mikemro (II) Ta po3pobiieHO HOBY
METOAMKY CHHTE3y W OJepKaHO HOBY CKJIagHy KaTaJiTHYHy CHCTEMY Ha iX OCHOBI THILY
XCu(POy)BNiz(POy)2 - 50%C(POy)2-50%Nk(PQy),, sika BoJIOIIE TPOTHO30BAHUME ONITUMATBHUMH
KHCIIOTHUMH BJIACTHBOCTSMH TIIOBEPXHI Ta BIATIOBIIHWUMH aKTUBHUMH IleHTpamu. JlocmimkeHi
KHCJIOTHI BJIACTHBOCTI MTOBEPXHI ofeprkaHuX iHauBigyanbuux (ocdaris kynpymy (IT) Ta mikemo (1) i
CKJIaJHUX KyNpyM-HiKeIb(POCHaTHUX KaTaTiTHUHUX CUCTEM Ta PO3MOJiI aKTUBHHUX LEHTPIB Ha HiM.
BuByeHo 0co0NMMBOCTI BIUIMBY YMOB CHHTE3Yy Ta TEMIIEpaTypH Ha CKJIaJl, CTPYKTYpYy Ta KHCIIOTHi
BJIACTUBOCTI TIOBEPXHI OJCpKaHWX KaTali3aTopiB, a TaKOXX NPHPOAYy 1 xapaktep (opmyBaHHS
AKTUBHHMX LEHTPIB pi3HOI cuiau. BcTaHOBIEHO, IO MPOXKApIOBaHHS HOBOI CHHTE30BAHOI KyNpyM-
HikeIb(pochaTHOI KaTaTITHIHOI CHCTEMHU B JOCIIKyBaHOMY iHTepBaii Temnepatyp (120-700C) nae
3MOTy HE TiJIBKH 3MIMCHUTH TOBHY JIET1APATAIliI0 OJEeP’KaHOTO KPHUCTAIOTIAPATY, aJie i CIpHsIE MOCTY-
OB 3MiHI BEJIMYMHM [TOBEPXHEBOI KMCIOTHOCTI. Lle 00yMOBII0€ hOopMyBaHHS Ha MOBEPXHI CHHTE30-
BaHOI CKJIQJHOI KynpyM-HikenbpocharHoi katamitnunoi cuctemu 5S0%CQ(POy)2:50%NB(POy);
KHCIIOTHUX aKTHBHHUX IIEHTPIB BiAMoBiAHOI cuiu. IlinTBeppKeHO MPOMOTYIOUY POJIh HOHIB HIKEIIO
Ni** B crpykTypi kympymdocdaTHOro karamizaropa Ta BCTAHOBJICHA HASBHICTH CHHEPIETHUHOTO
edexTy 000X BKazaHUX (QocdaTiB MI0A0 BEIMYNHUA KUCIOTHOCTI B CTPYKTYpi CHHTE30BaHOI CKIaIHOI
KatamiTHyHOi cuctemu. Onep:kaHoO HOBUM aKTHBHUM 1 IEMICBUIA KUCIOTHUHN CKIIQIHHUN KaTami3aTop —
50%Cu(PQOy)2:50%Ni(PQy),, sxwuii Bomoie HEOOXIAHOIO CTPYKTYPOIO, ONTHMAILHUMH KHACIOTHUMH
BJIACTUBOCTSIMU MTOBEPXHi, BiANOBITHUMH aKTUBHUMH LIEHTPAMH, TOMY MOXe OyTH BUKOPHCTaHUN AJIS
JOCHTIDKEHHSI B XIMi4HIH MPOMHCIOBOCTI B SKOCTI aKTMBHOTO 1 e(eKTHBHOTO KaTalli3aTopy
MapIliaTbHOTO0 OKHUCHECHHS BYTJICBOHIB B IiHHI MPOIYKTH.

Kuo4oBi cjioBa: karajizaTop; reTeporeHHui Kartanmis; GochaTy; CKIaaHI OKCHIU; OKUCHCHHS,
H-aJIKaHH, BYTJIEBOJIHI; €TaH; ETHJICH.

Beryn Ta HEAOPOTMX KaTami3aTopiB i JAaHOTO

nporiecy. I[Ipu 1bOMYy BapTicTh OJEpXKaHHUX

[MaprianbHe ~ OKMCHEHHS  HACUYCHHX  TE€TEPOTCHHUX KaTaii3aTopiB MTOBUHHA

BYTJICBOJHIB, 30KpeMa, KOMIIOHEHTIB MPHUPO- 3IMIIATUCH HEBHCOKOIO, BIJIMTOBIIal0UHN
HOTO Ta3y, Bifirpae ocoOJUBO BaXKIWBY pPOJIb y KOMEPITIHHAM BUMOTaM.

cydacHii  XiMmiuHii  mpomucioBocti.  Lle JlitepatypHi ~ pmaHi  cBig4aTh,  IIO

3YMOBJICHO TUM, IO 3HaYHA KUTBKICTh BXKIIUBUX  3aCTOCYBaHHS  caMe€  CKJIQJHUX  OKCHJIHHX

MIPOIYKTIB Ta HAMIBIPOAYKTIB JUIsI OPTaHIIHOTO KaTaizaTopiB nae 3MOTy e(EeKTUBHO

CUHTE3Y B XIMIYHIH MIPOMHCIIOBOCTI
OJIEPXKYETBCS CcaMe IUIIXOM TeTepOreHHOro
CEJICKTUBHOTO MEPETBOPECHHS H-aJIKaHIB.
Oco0MMBO MEPCHEKTHBHUM HAIMPSIMKOM
cydacHoi Tazo- Ta  Ha(TONEpepoOKH €
OJICp’)KaHHS ~CTWJICHYy BHACTIJOK IIHPOKOTO
CIIEKTPYy MOro MpPaKTUYHOTO BHKOPUCTAHHS.
Tomy 1€ MOTpeOye pO3POOKH HOBUX AKTHBHUX

3IIHCHIOBATH MPOLEC MapLiaIbHOTO OKHCHEHHS
erany. /lo Hux Hanexatb 1 pocdaru d-merais,
SKi ~ 3apeKOMeHAyBai  cebe B SKOCTI
epeKTHBHUX  KaTali3aTOpiB  MHapLiaJbHOro
OKHCHEHHS H-ajKaHiB [1-5].

Tomy moCHiDKEHHS 3aJIEKHOCTI Pi3HUX
(i3MKO-XIMIYHUX TapaMETpiB BiJ CKIaay Ta
CTPYKTYypH opTodochaTHUX KaTali3aTOpiB Jdae
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3MOTY TIPYHTOBHO TIiJiiTH 10 TOMIYKYy Ta
PO3pOOKH METOIIB iX MPOTHO30BAHOTO CHHTE3Y.
A TaKoX OJHOYACHO CTBOPUTH HEOOXITHI YMOBH

JUIst  Tporiecy  (OpMyBaHHS — ONTHUMAIbHUX
MOBEPXHEBUX KOMIUICKCIB IS OJEPKaHHS
HOBHX  JIEIIEBHMX, AaKTUBHMX 1  BHCOKO-
CEJICKTHBHHUX KaTalli3aTopiB.

Oco0IMBO BaXJIMBOI 1 HEOOX1THOIO
BJIACTUBICTIO  KaTaji3aTopiB  MapIliaTbHOTO
OKHCHEHHS H-aJKaHIB € KHUCIOTHICTH IX

noBepxHi [6].

Tomy Meroro maHoi pobotu  Oyio
OJIEp>KaHHS HOBOTO AaKTUBHOTO 1 JICIIEBOTO
CKJIQTHOTO OKCHJTHOTO KyTpyM-HiKeJThb-
(dhocdaTHOrO KaramsaTopa HUIIXOM MOAU(IKaIii
docdary kympymy (II) fionamu Hikemo Ni* 3
NPOTHO30BAaHMMHU  CTPYKTYpHUMH 1  (i3uKo-
XIMIYHUMH ~ TIapaMeTpaMu, AOCHITUTH  HOro
KHCJIOTHI BIJIACTUBOCTI TIOBEPXHI Ta PO3IOILT
AKTUBHUX IIEHTPIB HA HiM.

Metoauka CKCIIEPUMEHTY

CuHTe3 BUXiIHUX opTOodocdary Kynpymy
(I) Cw(POy), i oprodocthary wnikemo (II)
Ni3(PQy), Ta ckmamHOi KaTamiTHYHOI CHCTEMH Ha
ix OCHOBI 50%Cu(P Q) 50%Nk(POy),
3IIHCHIOBAJIM 3TiJHO METOIUK, PO3POOJICHUX Ha
kadenpi ¢izuynoi Ta komoimHol Ximii JIBH3
«YKTOpOACHKAN HAIlIOHATBHUHA YHIBEPCUTET»
[2, 3].

Benuuuny CyMapHOi1 KHCJIOTHOCTI
MOBEPXHI ofeprkaHUX KaraimizaTtopiB (6peHcre-
JIBCBKY Ta JIBIOICIBCHKY) BU3HAYaJIH METOJIOM
JxkoHcOHa [7] B TPUCYTHOCTI IHAMKATOPIiB
l'ammera. TouHicTe BH3HAYEHHS CTaHOBWIIA
+0,001MMoOmIB/T.

Pe3yabTaTH Ta iX 00roBOpeHHA

Bracnigok po3po0iieHOi HaMH METOAMKH
CHHTE3y  TIIXoM  Momudikarii  BIepIie
OJIEPKaHO HOBY CKJIaJTHY KyTpyM-
HikenbdochaTHy KaTaJliTHYHY CUCTEMY
50%Cuy(POy),:50%NKk(PQy),. Boanouac mpu
bOMY  BCTAQHOBJECHO, IO  CHHTE30BaHUH
OlHapHHUI TMOBITPSHO-CYXHH 3pa30K € YITKO
BUPaXCHOIO TipaTOBaHOIO (OPMOIO CKJIaTHOTO
(dhocdaTHOrO KaTaiizaropa 3 BUXIAHUM CKJIaJI0M

[lomepenni excHepUMEHTaNIbHI  AOCIiA-
KeHHs cBimuath [1-5, 7, 10-12],u0 B mporeci
cuHTe3y (ochaTHUX KaTamizaTopiB, BaKIUBUI

BIUIMB HAa I1X KHCJIOTHI BJIACTHBOCTI IOBEPXHIi
BHUSBIISIE 1 TIPOIEC TEPMIYHOI OOpOOKH 3pa3KiB.
Ile oOymMoBICHO THM, IO, KpiM TIPOIECY
Moaudikaiii, BiH TeX CYTTEBO BIUIMBAE Ha
0CO0JIMBOCTI Ta XapakTrep (GOpMyBaHHS CTPYK-
TYpH CaMOTO Karaiizatopy. Takox BioMO, IO
oprodochaTH MeTaliB, 32 BUHATKOM KHCIIHX
coJiel, He BOJIOMIIOTh BJIIACHOKD KHCJIOTHICTIO, a
HaO0yBarOTh KHCIOTHHX BJIACTUBOCTEH TIILKH
micas BiAMOBiAHOI TepMmiuHOi 00poOku [1-5].
TakuM YHHOM, 3MIHIOIOYM YMOBHU CHHTE3y Ta
mporecy TepMidHOI O0OpOOKM TeTepOreHHOTO
KaTaizaTopa, MOKHa Oe3IMOCepeIHhO BIUIMBATH
Ha WOro CKIaja, CTPYKTypy Ta BiAMOBiIHI
(hi3MKO-XIMiYHI TapaMETPH.

ToMy Juisi  JOCHDKCHHS BIUIUBY Ha
nporec (OopMyBaHHS CTPYKTYpPH KaTallizaTtopa
Ta HOro  KHUCJIOTHI  BJIAaCTHBOCTi,  KpiM
monugikamii  BHUXIIHOTO  3pa3ka, 1Ime H
TeMmreparypHoro (akropy, BCi CHHTE30BaHi
¢docharni katamizaropu: sk BuxigHi (C(POy);
ta Ni3(POy),, Tak i MomudikoBaHi Ha X OCHOBI,
MPOXKapIOBaJId B IHTEPBaIi TEMIIEpaTyp Bix
120C go 700C rta Bu3HA4YamM iX BiIHOBIAHY
3arajnbHy KHCJIOTHICTH TIOBEPXHI, a TaKOX
PO3MOAIT KOHIICHTpAIlil KHCIOTHUX IIEHTPIB IO
CHWJIi Ha Hill.

OpepxaHi €KCIIEPUMEHTaJbHI JIaHI 11010
BU3HAYCHHS MOBEPXHEBOT KHCJIOTHOCTI
Cw(PQy), Ta  posmomily  KOHIEHTpAIIii
KHCJIOTHUX LEHTPIB MO iX CHJIi MiATBEPAKYIOTS,
0 CHHTE30BAHWM 1HAWBIAyaTbHUH BUXITHHUHA
dochar xympymy (II) Bomomie HeOOXiTHHMH
KHCIIOTHUMH BIIACTHBOCTSIMH. 3o0kpema,
0cOOJIMBO 1HTEHCHBHO BiH 3MiHIOE 3a0apBICHHS
iHmuKatopiB ['ammera 3 BenmuuuHOIO pPK,, sKi
3HAaXONAThCSA B iHTepBami Binm +6,8 no +0,8.
Bopnouac mpouec TepmiuHoi 0OpoOKM 3pa3ska
CYTT€BO BIUTMBAE 1 HA CaM XapakTep KPUBOI HOTro
MMOBEPXHEBOI ~ KHUCJIOTHOCTI  Ta  PO3IMOILT
KOHIICHTpAIlil KUCJIOTHHX IICHTPIB MO iX CHIIL.
Tak BHACHOK TIOCTYIOBOTO  HarpiBaHHS
MOBITPSIHO-CYXOTO ~ 3pa3Ka  CHHTE30BaHOTO
¢dochpary kympymy (II) mo wmipi migBUIICHHS
TemrepaTypu mpoxkaproBanus Bim 120C  no
700C cymapHa KOHLEHTpAIisi KHCIOTHHX
LHeHTpiB 3 cuioo +6,8 <H, < —8,1 cmouartky
MOCTYTIOBO 3POCTAE, JOCATAIOUN MaKCHMaTbHHUX
sHaueHb B iHTepBani 400-500C, a morim
MOYMHAE 3HWKYBATHCh. MaKkCcUMalbHa BEIMYNHA
KHUCIOTHOCTI cuHTe30BaHoro 3paska Cus(POy),
nocsrae 2,64 mmons/t (mpu 500°C). Ipu upomy
BEJIMYMHA 3arajbHOI KHCIOTHOCTI OJEpKaHOTO
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iHnuBinyaneHoro  ¢ocdary  kympymy (1)
sMminroerses Big 1,77mmouns/t (mpu 20°C) mo 1,3
MMOJIB/T TIpH JOCATHEHHI KiHIIEBOI TEMIIEpaTypr
06po6ku 700°C.

BuzHaueHHS MOBEPXHEBOI KUCIOTHOCTI Ta
PO3MOAII KOHIICHTpAIlil KUCIOTHUX IIEHTPIB IO
iX cwm IS CHHTE30BaHOTO 1HIWBITYaTbHOTO
BuxigHoro oprodocdary Hikemo (II) cBiguars,
0 BiH TeX BOJOMIE KHUCIOTHAMH BJIACTH-
BocTsAMH. [IpoTe Xapakrtep WOro KpuBOI
KHUCJIIOTHOCTI JIEI0 BiJIPI3HAETHCS BIJ
immuBigyansaoro kympyMm (II)  docdarHoro
3pa3ka, TaKk SK TPOXOJUTH Yepe3 TOUKY
MaKCUMyMy Tipu Hmwk4ii Temmeparypi — 400C,
mocsratoun  Benumunan 0,83 mmone/r. Tlpore
mpoxkaproBanHs —optodocdaTy HIKEIO NpU
Bumx temmeparypax (500—-700C) o6ymoBitoe
nepexijy Horo KpUCTAJIOTiAPATHOI CTPYKTYpU Y
6e3Bomuy cinb Nig(POg),. Tomy 1e cmpuse i
MOCTYMIOBOMY 3HI)KCHHIO 3arajbHOi IMOBEpX-
HEBOL KHCJIOTHOCTI Hikenb(ocdaTtHoro
KaTalizaTopa B 3a3HAUCHOMY TEMIEpaTypHOMY
intepBami g0 0,68 MMoaB/T TpH  KiHIEBIH
temrepatypi npoxaproBants 700C.

Sk cBiguaTh ojepaHi JaHI BUBYCHHS

KHCIIOTHUX BIIACTHBOCTEH CHHTE30BaHOI
ckiagHoi OiHapHOi KympyM-HikenbpochaTHOI
KaTaJIi THYHOI CHCTEMH, B nporeci

mMoaudikyBanus dochary kynpymy (II) iomamu
nikemo Ni°" omepskaHO HOBi CKIajHi KHCIOTHI
Katamizatopu. Tak BBEACHHA B CTPYKTYpYy
tdochary xkynpymy (II), 30kpema, eKBiBaIEHTHOI
kimpkocti  mHikems  (II)  dochary  (3pasox
50%Cuy(POy,)-50%NK(POy),), cnpusie pizkomy
M ABHUIIICHHIO 3arajgbHOT MOBEPXHEBOT
KHCIIOTHOCTI. BomHodac xapakTep KpHBOL
3aJIE)KHOCTI BEIMYUHHM KHCJIOTHOCTI BiJl 3MiHH
TEMIEePaTypH 3aIHIIAEThCS AHATIOTIYHUM 000M
IHAUBIAyalbHUM  BUXIZHUM  opTodocharam
Cw(PQy), i Niy(PQy), Tta mpoxomuTh uepes
TOYKY MAaKCUMYMY .

Y3aranpHIO09i pe3yJabTaTH JOCIiHKCHHS
BEJIMYMHU  TIOBEPXHEBOI  KUCIOTHOCTI  Ta
PO3MOIN aKTUBHUX KHCJIOTHUX IEHTPIB 3a 1X
CHJIOI0 B 3aJEKHOCTI Big TeMmmeparypu
TepMOOOPOOKH Ha 3a3HAYCHOMY CKJIAJHOMY
OiHapHOMY KynpyM-HikelbhochaTHOMY

KaTaJizaTopi (50%Cuy(P0Oy)250%NK(POy)2)
npuBeneHi Ha puc. 1-3ta B Tab. 1.

OnepkaHi eKCIEPUMEHTAIBHI JaHI 00
PO3MOAiNY KOHIEHTpALil KUCIOTHUX LIEHTPIB IO
ix cumi Ha TTOBEPXHi KaTajizaTopa
50%Cu(P0Oy)2:50%Ni(PQy), B mporieci mpoka-
proBaHHs 3a3HaueHi Ha puc. 1. BoHM cBiguars
PO HASBHICT, HA ITOBEPXHI CHHTE30BAHOTO
KyIIpyM-HiKeTb(pochaTHOTO 3pa3Kka aKTHBHUX
HEHTPIB PI3HOI CHIM Ta 3MIHY iX KOHIEHTpaIii
BHACIIIOK TEepMIdHOI OOpoOKHM. A  TakoxX
MiATBEPPKYIOTh, IO BHACHIMOK Moaudikarii
dochary xynpymy (II) iomamu mikemo Ni®*
CIIOCTEPITaEThCS CYTTEBE 3pOCTaHHS
KOHIICHTpAIlii BCiX KHCJIOTHHX IIEHTPIB pi3HOL
CHJIY, TIOPIBHSHO 3 BUXIAHUMH opTodocdaramu
Cw(PQy)2 1 Nis(POy),. OcobauBO MmiIBUIIY€THCS
BMICT came CJIabux OpeHCTEHIBCHKIX KUCIOTHHUX
AKTUBHHMX IICHTPIB Ta aKTUBHUX IEHTPIB
cepeaHboi  cuimM, Ki  Oe3mocepeAHBO I
BIIMTOBIZIAIOTh 32 TMaplliajJbHE IEePETBOPCHHS
eTaHy B LiHHI npoaykTu [1-7, 10-16].

Pesynbratn JIOCITi JUKCHHS BIUTUBY
TEMIIEpaTypd TEPMOOOPOOKM Ha  PO3MOIII
KOHIICHTpAIlii KUCJIOTHHUX ICHTPIB IO IX CHJI HA
MOBEPXHI CKJIQJHOTO KarajizaTopa
50%Cuy(POy)2-50%NKk(PQy), mnpuBemeHi Ha
puc.2. BoHu cBiguath, IO I IIEPEBaXKHOI
O1BIIOCTI KHCIOTHUX LEHTPIB Ha OJEPKaHOMY
CKJIQJIHOMY KynpyM-HikenbpochaTHOMY
KaTamizaTopl MakCcUMajgbHa iX KOHIICHTPAIIis
criocrepiraerbes mpu Temrneparypi 600°C. TIpu
KiHIEeBii TemmepaTypi Tepmoobpobku (700°C)
JUIST BCIX KHCJIOTHHUX IIEHTPIB PI3HOI CHIN B
iHTepBaimi Bim +6,8 g0 —8,1 KoHIEHTpaIlis
KHCIIOTHUX  IIGHTPIB  PI3KO  3HIKYETHCS
BHACIIZOK MEPEX01y CHHTE30BAHOTO CKJIaJHOTO
(dhocdaTHOro KaTamizaropa B 0€3BOIHY CiJlb.

Ile me pa3 [D0MATKOBO MiATBEPIHKYE
BaroMuii BIUIMB BMICTy BOIU B CTPYKTYpi
KaTajizaTopa Ha BEIMYHMHY HOTO ITOBEPXHEBOL
KHCJIOTHOCTI Ta KOHIIGHTPAIil0 KHUCIOTHHUX
ICHTPIB Ha Hil, aHAJOTIYHO SK 1 HA IHIIKUX
paHime  JOCHiDKCHWX  IHAWBIAyalbHHUX  Ta
ckiaagaux oprodocdarax [1-5, 7, 11, 12].



Hayk. sicnux Yaceopoo. yu-my (Cep. Ximis), 2022 Ne 2 (48)

Sci. Bull. Uzhh. Univ. Ser. Chem., 20%22 (48)

-111-
1,8
_ ij ——20
g 1:2 | —-—120
g L. —4—200
E 08 . =300
£ —H— 400
5 0,6 -
3 04 0500
02 =600
0 —===700
-8,1 0,8 2 3,3 4 4,8 6,8
pK,
Puc. 1. Po3mozain koHIEHTpAIil KUCIOTHUX IIEHTPIB IO iX CHJIi Ha ITOBEPXHi
katanizatopa 50% Cu(POy)250%Nk(POy), B miporieci mposkaprOBaHHSI.
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Puc. 2. BB TeMniepatypu TepMooOpOoOKH Ha PO3IIO/Ii KOHIEHTpalii KHCIOTHUX
LEHTPIB M0 1X cuiti Ha noBepxHi karamizaropa 50% Cy(POy),'50%Nk(POy),.

VY3aranpHIOIUl pe3ynbTaTh JOCIIKEHHS
3MIHH ~ CYMapHOi  KHCIOTHOCTI  IOBEpXHi
karamizaropa 50%Cuy(PQy),50%NiB(PO,), Ta
PO3MO/IN KOHICHTpAIlil KUCIOTHUX IIEHTPIB TO
iX cuimi B Tmpolieci TepMOOOpOOKM HaBeJCHI B

tabn. 1. OpnepxaHa 3aJeXHICTh 3arajibHOT
KHCJIOTHOCTI MOBEPXHiI 3a3HAYECHOTO CKJIQJHOTO
OiHapHOTO KynpyM-HikenbpochaTHOTO
Karajizaropa BiJI TEMIIEpaTypu TEpMOOOpPOOKH
MpHUBeJIcHa Ha puc. 3.
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Tadmmus 1. 3mina cymapHoi kuciaoTHOCTI moBepxHi katamizatopa 50%Cuy(PQy),50%NE(POy), Ta
PO3MOIUT KOHIIEHTPAIil KHCIOTHUX IIEHTPIB T10 X CHJIl B TIPOITECi TEPMOOOPOOKH

t, °C KoHmeHTpartiss KUCIOTHUX IEHTPiB 1pu pK, pi3HUX 1HANKATOPIB, Becn
MMOJIB/T IHTepBa
+6,8 +4.,8 +4,0 +3,3 +2,0 +0,8 -8,1 Ho,
MMOJIB/T
Hositpsno- |4 05 | 042 | o045| o044 015 013 3,09
Cyxuit
120 1,2 0,65 0,62 0,55 0,47 0,14 0,17 3,85
200 1,24 0,78 0,68 0,59 0,52 0,21 0,2 4,22
300 1,28 0,83 0,75 0,74 0,61 0,2% 0,21 4,67
400 1,35 1,12 1,07 1,06 0,68 0,27 0,28 5,78
500 1,4 1,26 1,12 1,09 0,79 0,31 0,26 6,23
600 1,55 1,11 1,1 1,06 0,92 0,34 0,33 6,41
700 0,59 0,66 0,65 0,68 0,72 0,22 0,11 3,63
Bonu cBifuaTh, 10 SK i MPOTHO3YBAIOCH, XapakTep HOro KpWBOi KHCIOTHOCTI Mae CBOI

BHacmaok Moxaudikamii KympymochaTHOro 0COOJIMBOCTI, TIOPIBHSHO 3 I1HAWBIAyaTbHAMU
karamsaropa iomamu Ni?* mo wmipi BBemenns  oprodocharamu kympymy (II) ta mixemo (II).
€KBIBaJICHTHOI KiIbKOCTI opTodocdary Hikemro 30KkpeMa, CIOCTEPIiraeThCsl 3MILICHHS TOYKH
(I) B crpykrypy Cuw(POy), BenuumHa ~ MakCHMyMy B 0OJAacTh BHUINUX TEMIIEPaTyp 1
MMOBEPXHEBOI KHUCIIOTHOCTI PI3KO 3pOCTae Ha cranosute 600C. Ilpm 1pOMY BelUYMHA
HOBEpXHI  OJCpP)KAaHOTO  3pa3Ka  CKIagHOI  3arajbHOI KHCIOTHOCTI PI3KO IiIBHILYETHCS,
KaTaJiTUYHOL CUCTEMU TUITY nocsratoun 6,41  MMoOmB/T, TOPIBHSHO 3
50%Cu(PQy)250%NiB(PQy),. Tlpu  meomy  Buxigaumu Gocharamu Cls(POy), i Nis(POy),.

3arazibHa KUCNOTHICTb

KucnotHictb, mmons/r
N w S (6] (o)) ~
|

20 120 200 300 400 500 600 700

Puc. 3.3anexHicTh 3aranbHOI KUCIOTHOCTI HOBEPXHI KaTanizartopa
50%Cuy(POy),-50%Nis(POy), Bin TemMmiepaTypu TEpMOOOPOOKH.

Hapite mpm  KiHHOEBIE  Temmeparypi inguBigyansauM  oprodocdarom Hikemo (II)
npoxaproBaniss (700C) wna cunresoBanomy  Nix(PQy), nmepesumiye ii Benuuuny Oijiblie, HiX B
3pa3Ky BOHa, OPIBHIHO 3 BUXigHUM KynpyM (II) o'SaTh  pasiB. Takum  yumHOM  aHami3
oprodochatom Cly(PQy),, 3pocTae B Tpu pasw i EKCIICPUMEHTAIBHUX ~ JaHUX  CBIAYUTH  IIPO
cTaHOBUTh 3,63 MMOIB/T, a TMOPIBHAHO 3  HAABHICTH YITKO BHPAXKCHOTO CHHEPIETHYHOTO
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epexTy 000X BKazaHuUX oOpTOodocdaTiB MIOAO0
BEJIMYMHU  TOBEPXHEBOI  KHUCJIOTHOCTI B
CTPYKTYpl CHHTE30BaHOi CcKiamHoi OiHapHOI
KynpyM-HikenbpochaTHOT KaTaJliTHYHO1
cucteMH. BojHOYac onTHMalibHA TeMIIeparypa
TepMOOOPOOKM B TIpormeci CHHTE3y JaHOi
KaTaTiTHUHOI cuctemu craHoBuTh 600°C.

Takuii Xxapakrep 3MiHH HOBEPXHEBOI
KHACJIIOTHOCTI €  pe3ylabTaTOM  IOCTYIOBOTO
BUUICHHS BOAM 31 CTPYKTYPH 1 3MiHH (a30BOTO
CTaHy KynpyM-HikenbdocdaTHoro 3paska, IO
mobpe  Y3rOKYETbCSI 1 3 pe3ybTaTaMu
[2,3,7,11, 12]. Ockinbkr KHCJIOTHI BIaCTH-
BOCTI TIOBEpXHi 0OyMOBIEHI crenudiyHOI0
B3a€EMOJIIEI0 MOIIEKYT BOJM 3 IICHTPaJbHUM
atomMoM Katamizatopa [1-6], a KilbKicTh
MOJIEKYJI BOJH, SIKi BiAMOBIAAOTh 32 YTBOPEHHS
OpeHCcTeNiBCbKUX aKTUBHUX LIEHTPIB B CTPYKTYPi
3pa3Kka, BHACIHIIOK TEPMIYHOI 0OpOOKH TBEpaoi
¢a3u BINNOBIZHO B3HWXKYETHCSA, TOMYy 1€ I
NPU3BOAMTH MPU TPOXKAPIOBaHHI (Y BKa3aHOMY
inrepai Temneparyp 120-700C) mo nepexomy
CTPYKTYPH CHHTE30BaHOIO CKjamHoro ocdary
y ©Oe3BoAHY Cilb Ta 3HIKECHHS 3arajbHOl
KHCJIOTHOCTI MOBEPXHi KyIpyM-HiKeJb-
(dhocdaTHOrO KaTamizaTopa.

TakuM YMHOM MiATBEPIPKECHO, IO KpiM
Monupikamii, sk 1 mepemdadanoch, TEepMidHA
00poOKa TeX BHUABIISAE CYTTEBUI BINIUB Ha
KHCIIOTHI ~ BJIACTUBOCTI  CKJIAMHOI  KYINPyM-
HikenbdocaTHOI  KATATITHYHOI  CHCTEMHU.
OCK1TBKH KHCIIOTHICTh TTOBEPXHIi Mae
BHpIMMANGHAA  BIUIMB  HAa  CEJICKTUBHICTH
KOHTAaKTiB, TOMYy  CINiJl  O4YiKyBaTH, IO
CHUHTE30BaHa ¢doctarna TBEpAA ¢baza
BOJIOMITAME 1 €(GEKTHBHUMH KaTaJiTHIHUMH
BiactuBocTsiMu [1-5, 14, 15].

VY3araJgpHIOIOUM  OIEpXKaHi  Pe3ysIbTaTu
JIOCITi JUKEHHS KHUCIIOTHUX BJIACTUBOCTEH
CHUHTE30BaHOI0 3pa3ka Ta IHIIHUX Horo (Hi3uKo-
XiMigYHUX mapameTpiB [8, 9], MoxHa 3a3HAYNTH,
o0 [pU BHOpPaHUX YMOBaX CHHTE3y HaMHU

oJlepKaHWN HOBUUA AaKTUBHHMA 1 JICIICBHH
CKIIQJIHAN OKCHJHHUI Kartaji3aTop — KyNnpyM-
HikenbhochaTHa KaTaJliTHYHa CUCTEMA
50%Cu(PQy)2:50%Ni(PQy),, sxa  Bomomie
MIPOTHO30BAHUMHU (hi3UKO-XIMITHUMU Ta

ONTUMAJbHUMH  KUCJIOTHHUMH  BIIACTHBOCTSIMH
MMOBEPXHi, a TaKOX BIAMOBITHAMU AKTUBHUMH
IeHTpaMu Ha Hild. HasBHICTH BCiX HEOOXITHHUX
nmapamMeTpiB. BHCOKOi XIMI4HOI 1 TepMi4HOI
CTIMKOCTi, PO3BUHYTOi TOBEPXHi, aKTUBHHX
KHCJIOTHUX IIEHTPIB BiATIOBIIHOI CHJIN 1a€ 3MOTY

e(eKTHBHO BUKOPUCTOBYBAaTH CHHTE30BaHHUI
HOBHUM KUCJIOTHUI KaTai3aTop TS
JMOCHIDKEHHS B XIMIYHIA TIPOMHCIIOBOCTI B
SIKOCTI aKTUBHOTO 1 €()eKTUBHOTO KaTalli3aTopy
MapIiialbHOTO OKWUCHEHHS H-aJIKaHIB B ITiHHI
NPOJIYKTH, 30KpeMa, i MEepeTBOPEHHS €TaHy B
etwnen  [1-5, 14-16]. Bopnowac onepikai
pe3yAbTaTH CIPHUATUMYTH MOJANBIIIH Po3pooIi
HAyKOBOI Teopii MPOTHO30BAHOTO IMiI0OPY
KaTaJli3aTopiB AN TPOLECiB MEPEeTBOPEHHS
ByrieBonHiB [1, 4, 7, 13, 14].

BucHoBKH

CuHTe30BaHO IHIUBITyaTbHI
opropoctharu kympymy (II) Ta Hikemro Ta
po3po0iieHO HOBY METOOWKY CHHTE3y K
OJICP’)KaHO HOBY CKIIAJHY KaTaJITHYHY CHUCTEMY
Ha ix ocHOBI THIy XCW(PQy)Niz(PQy), -
50%Cu(PQy)250%Nik(PQy),, saxa  Bomomie
MIPOTHO30BAaHIMH ONTHMAaIbHAMH KHCIOTHUMH
BIACTHBOCTSMH TIOBEPXHI Ta BiJIOBIIHUMHU
AKTUBHUMU TeHTpaMH. JlocmimkeHi KHUCIOTHI
BJIACTUBOCTI MMOBEPXHI oJIepKaHUX
innuBinyaneHux Qocdarie  kynpymy (II) Ta
HIKeNI0 1 CKIagHUX KyHpyM-Hikenb(pochaTHHX
KaTaTITHYHUX CHUCTEM Ta PO3MOIiI aKTHBHHUX
IIEHTPIB Ha Hill. BUBYeHO OCOOIWUBOCTI BIUTHBY
YyMOB CHHTE3y Ta TEMIIEpaTypd Ha CKIaj,
CTPYKTYpPYy Ta KHCIOTHI BJIACTHBOCTI IOBEPXHI
oJIepKaHUX KaTali3aTopiB, a TaKOX IPHPOAY i
xapakTtep (GOpMyBaHHS aKTUBHUX LIEHTPiB Pi3HOT
cwm. [linTBepmKeHO MPOMOTYIOYY pPOJIb HOHIB
nikemo Ni?* B crpykTypi Kympymbocarroro
KaTtajmizaTopa Ta  BCTaHOBJICHA  HAsSBHICTDH
CUHEPreTHYHOTO  ePeKTy 000X  BKa3aHHX
docdaTie mOM0 BEIUYMHH KHUCIOTHOCTI B
CTPYKTYpl CHHTE30BaHO1 CKJIaAHOI KaTaJliTHIHOL
cucremu. Opep:kaHO HOBUH  aKTHBHUH 1
JICIICBUI KUCIIOTHUN CKJIQJHHIA KaTalli3aTtop -
50%Cu(PQOy)2:50%Ni(PQy),, sxumit Bomogmie
HEOOXiZHOIO  CTPYKTYpOIO,  ONTHMAaJIbHUMH
KHCIIOTHUMH BIIACTHBOCTSIMH MTOBEPXHI,
BIIMTOBITHAMH aKTHBHUMH IICHTPAMH, TOMY
MOXKe OyTH BHUKOPHCTAHHWM IS JTOCHTIDKCHHS B
XIMIUHIi MPOMHCIOBOCTI B SIKOCTI aKTUBHOTO i
e(DeKTUBHOTO  KaTamizaTopy  IapIiaJbHOTO
OKHCHCHHS HACHYCHHWX BYTJICBOAHIB B IIiHHI
MPOAYKTH, 30KpeMa, i TMEepPeTBOPCHHS €TaHy B
CTHUJICH.
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CHHCOK BUKOPHCTAHUX JKepe xCrPO4yNi3z(POy), Ta mocmimkeHHS 11 KHCIOTHHUX

BJIACTUBOCTEN MOBEPXHI. Hayxk. BICHUK
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RESEARCH OF ACID PROPERTIES OF COMPLEX OXIDE CATALY ST
50%CU3(PO4)2’50%Ni3(PO4)2

Golub N.P., Golub E.O., Kozma A.A., Kuznietsova A.Q Hurch A.V., Herneshii Y.M.

Uzhhorod National University, 88000 Uzhhorod, Prdhi str. 46;
e-mail: nelya.golub@uzhnu.edu.ua

Individual orthophosphates of copper (ll) and nidk® were synthesized and a new method of
synthesis was developed, and a new complex catalgstem based on them of the type
XCu(POy)BNi3(POy)2 - 50%Cu(POy),-50%NkK(POy), was obtained, which has the predicted optimal
acidic surface properties and the correspondingeacenters. The acidic properties of the surfdce o
the obtained individual copper (II) and nickel (Hhosphates and complex copper-nickel phosphate
catalytic systems and the distribution of activatees on them were investigated. The peculiardgfes
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the influence of synthesis conditions and tempeeatn the composition, structure and acidic
properties of the surface of the obtained catalgstavell as the nature and character of the foomat
of active centers of different strengths, were igtldIt is established that calcination of the new
synthesized copper-nickel phosphate catalytic systethe studied temperature range (1202790
allows not only to carry out complete dehydratidntlee obtained crystalline hydrate, but also
contributes to a gradual change in the value ofasaracidity. This leads to the formation on the
surface of the synthesized complex copper-nickel osphate catalytic  system
50%Cuy(POy)-50%NKk(PQy), acidic active centers of appropriate strength. phemoting role of
nickel ions N?* in the structure of the copper-phosphate catabgst confirmed and the presence of a
synergistic effect of both these phosphates orvéthee of acidity in the structure of the synthedize
complex catalytic system was established. A neweacand cheap acidic complex catalyst —
50%Cu(P0Oy)2-50%Ni(PQy),, which has the necessary structure, optimal addiface properties,
and appropriate active centers, has been obtainegkfore, it can be used for research in the otemi
industry as an active and efficient catalyst fog fhartial oxidation of hydrocarbons into valuable
products.

Keywords: catalysts; heterogeneous catalysis; phosphatesplernoxides; oxidation; n-
alkanes; hydrocarbons; ethane; ethylene.
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