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KATAJII3ATOPIB HA IX AKTUBHICTbD Y BIIHOBJIEHHI N,0 I NO
KAPBOH(II) OKCUIOM
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ITpu BupineHHi pobjeM 3HUXKEHHSI 3arajbHOrO PiBHS 3a0pyAHEHHSI HaBKOJUILIHBOTO
cepenoBulla 3apaaHHs 3MeHIIeHHs BMicTy N,O i NO B razoBux BUKHIAX MOOITbHUX i
cTallioHapHUX JXKepeJsl 3aUIIAEThCS OMHUM 3 HaOLIbII CKIAMHUX i BaXKIMBUX. 1 oum-
LIEHHS HU3bKOKOHILIEHTPOBAaHMX Ta30BUX BUKUIB Bil HiTporeH(I) okenmy (<1 06.% N,0),
SIKi yTBOPIOIOTBHCSI Y BUPOOHUIITBI HITPATHOI KMCJIOTH i Mpoliecax ropiHHS TBEPAOTO Ma-
JuBa, nepcrneKTuBHUM € BinmHoBiaeHHS N,O kapOoH(Il) okcuaoM abo BYIJIEBOAHSIMM.
Kputnunum pakropom B an3aiiHi katanizatopiB DeNO,-npolieciB € 3MeHILEeHHS iHTi0y-
I0YOTO BIUIMBY OKUCHUKIB (SO,, O,, H,O). MoHOJiTHI KaTayiizaTopy HOBOTO IMOKOJIiHHS,
1110 HajiexaThb 10 TaK 3BaHMX CTPYKTYPOBAaHMX KaTalli3aTOpiB, CbOTOMHI € HaiOiIbII 3a-
TpeOyBaHMMMU B IpoIlecax €KOJOTiYHOTrO KaTasli3y 3aBAsIKM MOXJIMBOCTI OijIbIll pallioHas b-
HOTO BUKOPUCTAHHSI aKTUBHUX KOMIIOHEHTIB, MiJBUILIEHHS TTPOAYKTUBHOCTI i 3HMXKEHHS
ra3oIMHAMIYHOTO ONOpPY KaTaJiTUYHOTO peakTopa. B maHiii poboTi moka3zaHo, 1O aK-
TUBHICTh OiHapHuX In-, Co-OKCHAHMX KaTaji3aTopiB B peakllii CyMiCHOTO BiTHOBJIEHHS
N,O i NO kap6oH(Il) okcunom 3anexuts Bia npupoau Hocist (Al,O5, Zr0O,), nocaigos-
HOCTi BBEJIEHHSI aKTMUBHUX KOMITIOHEHTIB i KMCJIOTHUX BJacTMBOCTei moBepxHi. HaHe-
ceHi In-, Co-okcuaHi KaTanizaTopy IIMPKOHi-OKCHUIHOI OCHOBM, JOMOBAHI MayagieM
(0,1%), BUSIBASIIOTh BUCOKY aKTMBHICTb B peakilisgx cymicHoro BimHoBiaeHHS N,O i NO
kap6oH(IT) okcrmom: 90—99% konsepciss N,O, NO ta CO mocsiraeTbes 3a TeMIiepaTypu
450°C, npu 1uboMy crioctepiraerbcsi TosiepantHicts 10 BruBy H,O i SO,. Po3pobGraeni
nayiafieBMiCHI iHAi1- KOOAIbTOKCUIIHI CTPYKTYpOBaHi KaTaiizaTopu (Ha OJJOKOBUX HOCI-
SIX CTUIBHMKOBOI CTPYKTYpM i3 KaoJiHO-aepOCUJIOTENI0) XapaKTepU3YIOTbCSl BUCOKOIO
aKTHBHICTIO, BOJIOTO- Ta CYJIb(YpPOCTIIKICTIO, HU3bKUM BMIiCTOM IIJIATUHOBUX METAJIiB i
MOXYTb OYyTM BUKOPHWCTaHi ISl KOMITJIEKCHOTO OYMIIEHHSI BUKMIHUX Ta3iB Bill OKCUIIB
Hitporeny (N,O, NO,) i CO.

Kmouosi cioBa: DeNO,, In—Co-okcunHi karanizaropu, Al—Zr-okcuasi Hocii, Pd, CO,
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BILUIUB CKJIAAY I METOAY ITPUTOTYBAHHA HAHECEHUX In-, Co-OKCUAHUX

Bcmyn

KoHTpoJib IKOCTi HABKOJUIIIHBOIO CEPENlOBU-
1112 € BaXJIMBOIO YACTUHOIO TOJITUKHU €BPOIENCHKO1
CHiJIbHOTH, MPO IO CBimYaTh BBeJAeHHS B fito B 2015
i 2016 pp. GLIBII XXOPCTKUX BUMOT IO OOMEKEHHS
BUKHUIIB B HABKOJWIIHE CEPeHOBUINE aBTOTpPaH-
cnoptoM (EURO—VI) ta TEC (The Introduction
of Euro 5 and Euro 6 Emissions Regulations for
Light Passenger and Commercial Vehicles. Enek-
TPOHHUI pecypc: pexxuM AocTyiny http://www.rsa.ie/;
Hupexktua 2010/75/EU [1]). He3Baxkaiouu Ha
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3HAYHi 3yCWJIISI AOCHiAHUKIB 3 pO3pOOKM KaTtai-
TUYHUX METOJIB OYMIIIEHHS Bim okcumiB Hirporeny
Ta DOCITHEHI yCIIiXW, IpolilecM KaTaJiTUYHOI
HelTpanizauii okcuais Hirporeny (DeNO,) 3anu-
LIAIOThCS aKTyaJIbHUM acleKTOM Cy4yacHOI'o €Ko-
JIOTIYHOTO KaTai3y.

151 ounieHHsI po30aBieHUX ra30BUX BUKHU/IIB
(<1 00.% N,0), sIKi yTBOPIOIOTLCSI Y BUPOOHUIITBI
HIiTpaTHOI KUCJOTH i mpolecax 3ropaHHs TBEPAOro
MajanBa, NEPCIEeKTUBHUM € BiTHOBIEHHS HiTporeH (1)
okcuny CO ab6o ByrieBonHsmu (CKB-npouec mist

The influence of the composition and method of preparation of supported In-, Co-oxide catalysts on their
activity in the reduction of N,O and NO by carbon monoxide
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HITPO3HMX Tra3iB, IO MiCTSATh KHUCEHb) [2].
Kap6on(II) okcun nmpuBabvBuii sIK BinHOBHUK N,O
i NO, oCKiJIbKM OiJbIIIICTh BUKUAHUX Ta3iB aHTPO-
MOTreHHOTO MOXOKEHHS TTopsia 3 okcuaaMu Hitpo-
reHy mictath i CO, ToMy ix He#Tpamizallis Moxe
OyTH 37ilicHeHa 0e3 T0JaTKOBOTO BBEACHHS BiTHOB-
HuKa (Oe3peareHTHUI METOM).

Ilepexin Big TpaauLiiHUX MacCUBHUX (TpaHy-
JIbOBAaHUX) KaTaji3aToOpiB A0 CTPYKTYPOBaHUX
BiIKpMBa€ MOXKJIMBOCTI OiJbII pallioHaJLHOIO BH-
KOPHMCTaHHSI aKTUBHUX KOMITOHEHTIB, MiABUIIIEHHS
MPOAYKTUBHOCTI i 3HUXKEHHSI Ta30MHAMi4YHOTO OITO-
py KatajiThayHoro peakropa. @opMyBaHHS KaTali-
TUYHOTO MOKPUTTS 3 HEOOXiTHUMU (hi3UKO-XiMiUHU-
MM XapaKTepUCTUKAMU MOBEPXHi Ha HOCISIX OMNTHU-
MaJIbHOI KOHCTPYKILifiHOI (popMM — B10KaxX CTiUTbHU-
KOBOi CTPYKTYpHY, € OAHUM 3 HaAWOIIbII CKIAIHUX
3aBIaHb MPU pO3pOOJIEHHI KaTajli3aToOpiB TaKOro
tumy [3].

Ha crorogHi mpo0iiemMa KOMITJIEKCHOTO OYM-
LLIEHHS Ta30BUX BUKUIiB IU3EJIbHUX ABUTYHIB € 1a-
JIEKOIO Bill ONTMMaJbHOTO BUpilleHHs. HaBiTh npu
BUKOPUCTAHHI TPaAULIIMHUX KaTali3aTOPiB TPUKOM-
noHeHTHUX nepetrsopeHr TWC CO/NO,/C H,,, 110
MICTSITh, SIK MPABUJIO, 10 TPhOX METaliB IJIATUHO-
Boi rpynu (Rh, Pd, Pt), Bucoki konBepcii NO, €
HEAOCSIKHUMU, OCKiUJIbKM KOHIIEHTpallii BiZHOB-
HukiB (CO 300—1200 m.u., C,H,, 50—300 M.u.) 3Ha-
YHO HMXYi Y MOPiBHSIHHI 3 KOHUeHTpalieo NO,
(350—2000 M.4.), a BMIiCT 3aJMIIIKOBOTO KHMCHIO B
ra30BUX BUKUAAX MoXe gocarat 3—5 06.%. Okpim
TOro, B MIPUCYTHOCTI KaTaji3aTopiB Ha OCHOBi Me-
TaJliB TUIATUHOBOI TPYMNU BiIOYBA€TbCSI YTBOPEHHS
N,O, npoaykty HermoBHOro BimHOBIeHHS NO, (Ha
Pt a6o Pd). BukuaHi rasu au3eibHUX IBUTYHIB
MicTaTh crojiyku Cyibdypy (mo 100 M.u.), 1110 Ta-
KOX YCKJIAQIHIOE TIPOlieC OUYUIIEHHS. 3aCTOCYBaH-
HS$I TJTATMHOBUX METaJliB 3HAYHO MiBUIILYE BapTiCTh
Karajizaropa. ToMy HayKOBi JOCIiIKEHHS CIIPSIMO-
BaHi, 30KpeMa, Ha CTBOPEHHS aJbTepPHATUBHUX Ka-
Taji3aTopiB Ha OCHOBI TepexinHuX MeTaliB (ix oK-
CHMiB) 3 MiHIMaJbHMM BMiCTOM METaJIiB IUIATUHO-
Boi rpynu. Cepea mepexiiHUX MeTajliB 0COOJIMBe
MicClle HaJIeXXUTh KoOanbTy [4].

ITpobGaema ouullieHHST IMMOBHUX Ta3iB KOTJIO-
arperatiB Big okcuniB Hitporeny ta CO yckian-
HIOETbCSI HasIBHiCTIO mapu Boau Ta cyiabdpyp(IV)
okcuay [1], gKi MpUTHiIUYIOTHh KaTaJiTUUHY aK-
TUBHICTb, OJIOKYIOUM aKTUBHi LIEHTPU KaTaJli3aTopiB.
ITpuBabiMBOIO OCOONUBICTIO iHAINBMICHUX KaTaJli-
3aTopiB € cTiliKicTh 10 aii H,O, 1110 BaXXauBo mpu ix
BUKOPUMCTAaHHI B IIPOLIECi BiTHOBJICHHS OKCHIIB
HitporeHy BUKMIHUX ra3iB BUCOKOi BOJIOrOCTi [5].

PaHiiie nokasaHo, 1110 HalOiIbIITY aKTUBHICTb

i BOJIOTOCTIilKiCTh B peakliii ceJIeKTUBHOTO BilHOB-
sneHHs1 HitporeH(II) okcuay gerkuMu ByTJIEBOIHSI-
MM BUSIBWIM 3pa3ku Ha ocHOBi Al,O,, ogepxkaHoro
METOJOM OCaJKE€HHS, 10 MicTaTh 2,5 i 5,0 Mac.%
In,0; [6]. Cepen mocmimkeHMX HMPKOHI-OKCHI-
HUX KarajizaTopiB HalOiIbll BUCOKY aKTUBHICTh
crocoBHO N,O (mpssMuii po3kJial, BiTHOBJIEHHS)
rokasas Kataiizarop 5% CoO/Zr0,. [1pu mromy B
miarrazoni temmeparyp 200—300°C kap6oH(Il) ok-
cupl € OibII e(PeKTUBHUM BimHOBHUKOM N,O, Hix
ankanu [4]. KobaabT-OKCUIHI aIlOMOIUPKOHIEBI
kommo3suiii CoO/(ZrO,—Al,O;) BUSBWIN BUCOKY
akTuBHicTb B peakiii CKB NO nerkumu ajkaHamu
[6].

Cinig 3a3HaYUTH, 110 iHTEpeC 10 HAHECEHUX
OiMeTasleBMX Karaji3aToOpiB B reTeporeHHOMY Ka-
Taiizi 0OOyMOBJIEHUI HM3KOIO IIPUYMH, 30KpeMa,
3MAaTHICTIO JPYroro MeTajay COpUSITU BiTHOBJIEHHIO
MepIIoro, 30UIbIIEHHSIM AUCIIEPCHOCTI MeTany,
SIKUM Ma€ CXWJbHICTb 0 YTBOPEHHS OiIbIIMX 3a
po3MipoM yacTMHOK Toulo. biHapHi iHmili-Kobanb-
TOKCHUIHI KaTajli3aTOpH 1LICOJIITHOI Ta aIIOMOOKCHU I~
HOI1 OCHOBM MOKa3aJIu BUCOKY aKTUBHICTb B peaklli-
sx po3kiaany HiTporeH(I) okcuay i CKB NO wmera-
HOM, B TOMY YMCJIi B MPUCYTHOCTI Mapu BOAMU B
peakuiliHii cymimii [5,7].

B maniit podoTti HaBeneHO Pe3yabTaTH TOCIi-
JIKEHHS BIUIMBY CKJIaay KOOalbT-, iHAIEOKCUIHUX
KaTajizaTopiB LIMPKOHili- Ta aJllOMOOKCHUIHOI OC-
HOBH, TakoX pomnoBanux Pd (0,1%), cdhopmoBaHmx
Ha HOCisSIX CTiIbHMKOBOI cTpykTypu, (Pd)In,0,/
Co,0,/Al,0,(Z10,)/xkaonino-aepocun (KA), Ha ix
aKTUBHICTb B IIpolieci cymMicHOTO BizHOBJIeHHST N,O
i NO kap6oH(II) okcumom, JerkKkuMu BYTJIEBOIHSI-
Mu. OKpeMy yBary npuiijeHo 3’sCyBaHHIO BIUIMBY
KHCHI0, Tapu Boau Ta cysibhyp(IV) okcuay B cknami
peakiiiiHOi CyMillli Ha aKTUBHICTb KaTali3aTopiB.

Excnepumenmansna wacmuna

s mpuroTyBaHHSI rpaHyJIbOBaHUX KaTajiza-
TOpiB SIK HOCii BUKOPUCTOBYBaJIU MPOMUCIOBUI
3pa3oK ajJoMiHio okcuay Mapku A-1, 3pasku Al,O;
i ZrO, npuroroBieHi MeTonoM ocamkeHHs. Dop-
MyBaHHSI KaTaJiTUYHOTO ITOKPUTTS KaTajii3aTopiB
3MIMCHIOBAJIM 1IUISIXOM MPOCOYEHHSI HOCisSI BOAHU-
Mu poszunHamu coseit In(NO;),;-3H,0 ta/abo
Co(NO,),-6H,0, Pd(NO,;), HeobOXimHOI KOHIIEHT-
pallii 3 HaCTYITHOIO CYIIKOIO Ha ToBiTpi ipu 120°C
MPOTATOM 6 TOAWH i mpokapioBaHHIM Tipu 600°C
rpotsaroM 6 rox. [IpuroroBaHi 3pa3ku TpaHyJIbOBa-
HUX KaTajizaTtopiB Mmictuiau: 2,5 i 5 mac.% In,0;;
2,5—10 mac.% Co,0, (B mepepaxyHKy Ha MeTan);
0,1 mac.% mnamanito (Pd). 3pa3ku cTpyKTypOBaHHMX
KarajizaTopiB c)opMOBaHi Ha CTUITbHMKAX i3 KaOJIi-
Ho-aepocwioremo (BMicT kaominy 25—40%, aepo-
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CUJTIOTEJI IO pemta, cKjal KaoJiHY:
Si0,-Al,0,-Ca0-TiO,-Fe,0,) npurotoeHi 1LUISIXOM
HaHeCeHHsI aKTUBHMX KOMITOHEHTIB Ha (hparMeHT
Oioka (IIPOCOYEHHS IO BOJOTOEMHOCTI BOIHUMMU
po3urMHaMHu cojieil 3 HACTYNMHUM CYLIiHHSIM Ha
moBiTpi mpu 110°C i mpoxaproBanHsM Tipu 600°C).
CTpyKTypOBaHi KaTajli3aToOpy MICTWIN K aKTUBHI
koMIioHeHTH 7 i 10 Mac.% KobanbT okcuay i 5 mac.%
iHAil okcuay (B mepepaxyHKy Ha metan). Jas
30iJIbIIIEHHSI TTMTOMOI MOBEPXHi KepaMiuHUX 0Ji0-
KOBUX HOCIiB i MiIBUILEHHSI TUCIIEPCHOCTI aKTUB-
HUX OKCUTHMX KOMITOHEHTIB HAHOCWJIN BTOPUHHUI
okcuaHuil minwap 3 ZrO, ta Al O,.

KaraniTuuHy akTUBHICTb 3pa3KiB XapaKTepu-
3yBaJiM cTyreHeM nepetBopeHHs N,O i NO 10 a3o-
Ty, TeMmIlepaTypaMu nocsarHeHHS 50% KoHBepcii
okcuniB Hitporeny (T, %) i BU3HaYaIM B MpO-
TOYHilA YCTaHOBILi 3 0€3rpaliEHTHUM KBaplOBUM
peakTopoM Mnpu atMochepHOMY TUCKY B iHTepBaJi
temrreparyp 150—600°C. 1t cyMiCHOTO BiTHOBJIEH-
Hs1 oKcuiB HiTporeHy BUKOPHUCTOBYBAIU peakiliiiHi
cyMimi ckiany (06.%): 0,5% N,0+0,2% NO+1,5%
CO (0,3% C,Hy). Ipu nocnimxenni CKB-mportecy
(MopentoBaHHSI OUYMCTKY OKCUT€HOBMICHUX HIiTPO3-
HUX TrasiB) IO peakiiiftHoi cyminri momaBamm 5% O,.
O0’eMHa IIBUIKICTh Ta30BOTO IIOTOKY CKJIazajia
6000 rox~!. BB cynbdyp(IV) okcuay Ha ak-
TUBHICTh KaTaJli3aTOPiB BUBYAIM JOAABAHHSIM Y
peakuiitay cymimr 0,01% SO,. Y mociimax 3 BIULTUBY
Mapu BOAM Ha aKTUBHICTb KaTalli3aTOPiB peakiliiHy
CyMiIll TIpoITycKanu 4epe3 catyparop mpu 20°C 3i
wBuAKicTio 100 Mi1/XB, y pe3ybTaTi 4oro nocsrajiu
HacWYeHHS peakuiitHoi cyminr mo H,O 2 06.%.

AHaJi3 BUXiTHUX KOMITOHEHTIB i MPOIYKTiB
peaxiii — xpomatorpadiunuii (KpucranJliokc
4000M 3 geTekTOpOM 3 TerornpoBiaHocTi; N,, NO,
CO (CaA); N,0, CO, (momicop6-1)).

KucnoTHi BnacTMBOCTI MOBEPXHi KaTali3aTOpiB
In,0,/A1,0,(Zr0O,) BUBYAIU METOIOM TEPMOIMPOT-
paMoBaHO1 aecopOllii aMOHiaKy 3a HaCTYITHOIO Me-
ToAMKO0. 3pa3KM KataizaTopiB (ppaxitis 1—2 Mm)

B KisibkocTi 0,2 T 3aBaHTaXXyBajyd B MPOTOYHUI pe-
aktop (d=0,6 cM) i TpeHyBaqM B IIOTOIli TeIii0
(V=60 mi/xB) TIpoTsTOM 1 TOOWHU TIpU TeMIiepa-
Typi 550°C. ITicas 3HmKeHHs TeMnepatypu 10 100°C
3pa30K Hacu4yBaM amoHiakoM. [ToBHOTY Hacu4eH-
HsI KOHTPOJIIOBaJI TUTPYBaHHSIM aMOHiaKy Ha BU-
xoni 3 peaktopa. HacuueHuit 3pa3ok BimmyBaiu
reieM mipu 100°C mu1st BUumajneHHS Qi3ndaHO amcop-
6oBaHoro amoHiaky (30 xB). ITotim 3pa3ok minna-
BaJIU MPOrpaMOBaHOMY HarpiBaHHS B MOTOLIi TeJlito
3i mBUAKicTIo 26 Tpan/xB. [1porec TepmomecopOIIii
KOHTpPOJIIOBAaJM 3a JOMOMOIOI0 KaTapoMmeTpa,
KiJIbKIiCTb JecCOpOOBaHOT0 aMOHiaKy BU3HAUaIu TUT-
pyBanHsMm HCI.

Kpusi TepmonecopOliii xapakTepu3yBaiu TeM-
neparypamu makcumywmiB mikiB (T,,,), Tolew
MiKiB, 3arajbHOI KOHIIEHTpAlli€l0 KMCIOTHUX
LHEeHTPiB (KiJbKiCTIO necopOOBaAaHOrO aMOHiaKy 3
ONMHUII Macu KaTanizaTopa, Kyys;, MMOJIb/T).

BeanuuHu nuToMoi moBepXHi 3pa3KiB BU3HAYa-
JIU 32 TEIUIOBOIO JecopOiliero azoty. CTpyKTypHO-
PO3MipHi XapaKTepUCTUKM 3pa3KiB BU3HAYAI Me-
ToAaMM €JIEKTPOHHOI MiKpOCKOMii i peHTreHoda-
30BOro aHaiidy. En1ekTpoHHOMIKpPOCKOITIYHEe JOCITi-
JIKEHHSI 3pa3KiB BUKOHAHO 3a JOITOMOT'OIO TTPOCBiuy-
BaJIbHOTO eJieKTpoHHOTo Mikpockora (ITEM-125K).
K eTasioH BUKOPUCTOBYBAJIM TOHKY (TTOpsinKy 40 HM)
IUTIBKY BaKyyMOCAIXKEHOT'O aJ[FOMiHiI0 Ha CBiXWI
Binkon kpuctany NaCl. JIudpakrorpamu 3pasKiB
oTpumMmyBau Ha audpakTtomeTpi X Pert Pro MRD
XL (Philips) B CuK_ -BunpomiHioBaHHiI (A=
=1,54184 A). Iurepsan 26 cka"ysauusa 20—100°.

Pezyasvmamu ma o62060pennsn

B Tabn. 1 HaBemeHO AaHi peHTTeHO(Aa30BOTO
aHaJIi3y, BeJIMYMHU ITMTOMOI ITOBEPXHIi Ta KMCJIOTHI
BJIACTUBOCTI MOBEPXHi iHIIEBMICHUX KaTaji3aTopiB,
HaHeceHux Ha Al,O;-ocamkeHuii i TPOMUCIOBUIA
mapku A—1, ocamxeHuit ZrO,; In—Co-BMicHOTO
3paska 6iHapHoOi ocHoBU (Zr0O,+Al0,).

ITutoma noBepxHs (S,,,) OCaIXEeHOTO 3pa3Ka
ALO, ckmana 117 m?/r. S,,, iHaieBMicHux (5 Mac.%

Taonuusg 1

CTpyKTypHO-pO3MipHi Ta KHCJIOTHI XapaKTEepPUCTHKHU 3pa3KiB KaTajizaTopiB

. . 2 KoHnreHTpallisi KUCIOTHUX IICHTPIB,
3paszok [poinaekcorani paszu | S, M/T MMt NHA/T (To)

5% In,05/A1,05" cubic-In, 03, y~Al,04 83 0,65 (170)

5% In,O5/A—1 cubic-In,03, y~Al,O4 80 0,35 (170)

5% In,05/ZrO," cubic-In,0;, m-ZrO, 67 0,09 (180)

2,5% Il’l203/10% CO304/80% cubic—In203, Y~A1203

Z10,+20% ALO, 210y, m-ZrOy(cnim) | 0 0,4 (200)

ALO;* 1~ALO; 117 —

IIpumiTka: * — HOCii HaHECEHUX KaTalli3aTOPiB IMPUTOTOBJICHI METOIOM OCAIKEHHSI.

The influence of the composition and method of preparation of supported In-, Co-oxide catalysts on their

activity

in the reduction of N,O and NO by carbon monoxide



22 ISSN 0321-4095, Voprosy khimii i khimicheskoi tekhnologii, 2019, No. 4, pp. 19-27

In,0;) amoMoOKCUAHUX 3pa3KiB NPAKTUYHO OfHA-
KoBa: BoHa ckiamae 80—83 M?/T i He 3aJIeXUTh Bil
croco0y MpUTOTyBaHHS Hocis (ocamxkeHuin, A—1).
Mosepxusa 5% In,0,/Zr0O, ckirana 67 M?/r. 3pa3ok
Ha G6iHapHOMY Hocil (ZrO,+Al,0,) xapakTepu3y€eThest
3HayHO BUIIOIO S, — 200 M?/T.

Ha penrtreHorpamMax HaHeCeHUX iHIIEBMiCHUX
(2,51 5,0 mac.% In,0,) kaTamizaTopiB Ha OCHOBI
ocamkeHoro Al,O, micis TepMoodpobiaeHHS (600°C,
6 rom) TIpUCYTHI TMPaKIIiifHi MKW OCHOBHOI (ha3m
Hocis: y-AlL, O, (20=37,6; 45,7; 67,3%). AHani3 mud-
pakTorpamu 3paska 5% In,0,/Al,O; moka3aB Ha-
SIBHICTb CJa0KOiHTeHCUBHMX peduekciB In,O; Ky-
6iuHoi cmHTOHIT (20=21,0; 30,5; 37,67; 60,6%. Oc-
HOBHOIO (pa3010 HOCIIB Ha OCHOBIi aJIIOMiHill OKCH-
oy Mapku A—1 € y-Al,O,, uupkonii(IV) okcuny —
m-Zr0,. HupkoHiii(IV) okcun GiHapHOi OCHOBU
(ZrO,+Al,0;) xapakTepu3y€eThCsl CyMillIIIIO MOHO-
KJIIHHOI Ta TeTparoHajabHOI Mommdikamii, ¢asa
amoMiHiin okeuay y-Al,O;. @aza Co;0, (10%) Bu-
SIBUJIACh PEHTTeHOaMOP(HOI0, 1110 MOXe OyTH TI0-
B’S13aHO 3 BUCOKOIO TUCIIEPCHICTIO HAHECEHOTO OK-
cuay KobanbTy, piBHOMIpHO PO3IOAIJIEHOTO Ha
OiHapHOMY HOCIi 3 BUCOKOIO MUTOMOIO TTIOBEPXHEIO.

BuBUYeHHS KHMCIOTHUX XapaKTePUCTUK I10-
BEPXHi KaTajli3aToOpiB METOJOM TepMOIIpOrpaMoBa-
HOI JiecopOlIil aMOHIaKy moKa3ajio, 1110 iHAiEOKCUIHI
3pasku (5 mac.% In,0;) Ha ocHOBiI A—1 i ocamxke-
Horo Al,O, xapakTepusyloThCsl PO3MUTOIO TEPMO-
JIecCOpOLIiiiHOI KPUBOIO 3 HU3LKOTEMIIEpaTypHUM
MakcuMyMoMm Tipu 170°C — cy1aOKOKUCIOTHUMU
meHTpamMu. [1py 11boMy KOHIIEHTpAIIisT KMUCIIOTHUX
LIEHTPIB 3pa3ka Ha OCHOBI ajtoMiHilt okcuny (A—1)
cknana 0,35 mmoab NH,/r, a nis katanizaropa Ha
ocHOBi ocamkeHoro AlL,O, — 0,65 mmome NH,/r.
IMoBepxHs In-, Co-okcuaHoro KarajiizaTopa OiHap-
HOi ocHOBU (Zr0O,+Al,O;) xapakrepusyeTbcs cnab-
KAMHU KUCIOTHUMH IIeHTpaMHU 3 KOHIICHTpAIli€ro
0,4 mmons NH,/r. HaliH1>X40l0 KUCJIOTHICTIO TTO-
BEPXHi XapaKTe pU3YETHCS iHMI-IIMPKOHINOKCUIHNIA
karaiizatop — 0,09 mmons NH,/r.

EnexrpoHHOMIKpOCKOMNiIYHE OCIIiIXECHHS
3pazka 5% In,0,/ALO; CBiTUUTH TIPO TMOJimMC-
MEepPCHICTb CTPYKTYPH HOCIiSl, HagaHO1 KOHIJIoMepaTa-
MM aJIIOMiHilt oKcuay pizHoro po3mipy (1o 100 HMm),
WO CKJIaAamThcd 3 yacTUHOK Al,O; po3Mmipom
~10 HM i OKpeMHX MOHOKPMCTaIiB. AJIIOMiHili OK-
CUJIl Ma€E KyOiuHYy IpaHellEHTPOBaHYy CTPYKTypy [8].

In-BMicHI 3pa3ku OKCHAO0ATIOMiHIEBOI OCHO-
BU (TpoMuciioBoro A—1 i omep:aHOro MeTOIOM
OCaJXXEeHHsI) BUSIBWIM Pi3HY aKTUBHICTb CTOCOBHO
nepeTBopeHHs1 okcuaiB Hirporeny (tabia. 2). Bu-
coki 90—99% xonsepcii HiTporeH(I) okcrmay Ha 3pas-
Ky 5% In,0,/Al,0; mocsiraloTbcst B iHTEpBaJli TeM-

mepatyp 480—550°C, 50%-Ba KoHBepcia — Tipu
390°C, xonBepcist NO cknana 83% mnpu 550°C. B
MIPUCYTHOCTI Kartajizaropa 5% In,0,/A—1 cnocre-
piraeTbes 3cyB 50% ta 90% wonsepciit N,O B OibIi
BHCOKOTeMITepatypHy mingHky (50% mpu 450°C,
90% tiput 530°C), 1110 CBITUMTH PO 3MEHIIIEHHS I10TO
AKTUBHOCTI.

Tabanuga 2

AkTuBHicTh In- Ta GiHapHux Co-, In-okcuaHux
KaTajizaropis (0,5% N,0+0,2% NO+1,5% CO+He;
W=6000 rox ")

Komngepcis N,O[NO],
%/T°C (Tsq9,)
99/570 (390) [83/570]
90/450 (280) [99/500]

Karanizarop

5% In203/A1203
5% In203/5% C0304/A1203

2,5% In,03/5% Co304/Al,0;4 97/570 (450)
5% C0304/5% II1203/A1203 96/550 (450)
5% In,05/A—1 96/550 (450)

5% Iny05/Zr0, 55/550 [52/550]

BigmiHHICTD B aKTMBHOCTI JaHUX 3pa3KiB Ka-
Taji3aTopiB MOXHA TMOSICHUTU Pi3HUMU KHUCJIOTHU-
MM BJACTUBOCTSAMMU X TMOBEPXHi, OCKiJIbKM iHIII
(hizuKO-XiMiuHi XapaKTepUCTUKHU LIUX 3pa3KiB (BMiCT
i crocid BBeeHHS OKCUAY iHMIil0, MMTOMA MOBEPX-
Hs1, pa3oBuil ckian Hocid, IY-crekTpu) ineHTUYHi
[8]. KaramizaTtop 5% In,0,/Al,0, xapaKTepn3yeTh-
CsI HAsIBHICTIO OLTBIIIOI KiJIBKOCTI KMCJIOTHUX LIEHTPIB
MOBEPXHi i BUILOI aKTHUBHICTIO B JOCIHiIXYyBaHii
peakiii (Tabu. 1, 2).

MeH111a aKTUBHICTb iHIIN -IIUPKOHI-OKCHUTHO-
ro 3paska 5% In,0,/ZrO, (KoHBepcis OKCHUIIB
HitporeHy HaBiThb NpM MiABUILEHHI TeMmepaTypu
1o 550°C ckimanma 52—55%) moxe 6yt 06yMOBiIeHa
HU3KOI0 (akTOpiB: MOHOKJIiIHHOIO Moaudikallieo
Hocist ZrO, 3 Oifbll HU3bKOI MUTOMOIO MOBEPX-
Hero — 67 M?/T y mopiBHAHHI 3 140 M2/T U1 3pa3ka
Ha 6iHapHOMY Hocii (ZrO,+Al,0,), a TaKoX HU3b-
KOO0 KHUCJIOTHICTIO 3i CTaOKMMU KUCIOTHUMU LI€H-
tpamu (K=0,09 mmons NH,/r 3 T,,,=200°C)
(taban. 1). Bimomo, 1110 KaTajizaTopu Ha OCHOBI TET-
paroHajibHO1 Moaudikauii ZrO, (3oKpema, XpoM-
Ta KOOAJbTOKCU/IHI) OiIbII aKTUBHI B peaklIisix me-
petBoperHs NO, [6].

3 MeTol0 MiABUILEHHS aKTUBHOCTI In-BMicHi
KatajizaTtopu MoAau(iKyBaad OKCHUIOM KOOalbTy.
AKTHBHIiCTh HaHeceHMX In-, Co-BMiCHUX KaTajiza-
TOpiB Ha OcHOBi Al,O;, onepkaHOro METOIOM Oca-
JIKEHHS, 3aJIEXKUTh BiJl KJIBKOCTiI BBEIEHOTO OKCH-
Iy iHJIiI0 Ta ITOCJIiIOBHOCTI BBEEHHSI KOMIIOHEHTIB
(tabn. 2). B mpucyTtHocTi GiHapHOro KarajizaTopa
5%1n,0,/5%Co0,0,/Al,0, 50—80%-a cTyITiHb TIepe-
TBopeHHs HiTporeH(I) okcuay npocsranach npu TeM-
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neparypax 290—360°C, mro Ha 100—110°C HIk4ue B
MOpiBHSIHHI 3  KaTalli3aTOpoM  cKJaay
5%1n,0,/Al,0;, TOYaTKOBY aKTUBHICTb CTIOCTEpPira-
qm tipu 250°C: Xy,0=20%. BinapHuii xaraiizarop,
IO MICTUB MEHIIY KiJbKiCTh OKCHUIY iHIilO
2,5%1n,0,/5%Co0,0,/Al,0,, 5K i 3pa3oK i3 3BOPOT-
HOIO TMOCJIiTOBHICTIO BBEJEHHS KOMIIOHEHTIB
5%C0,0,/5%I1n,0,/A1,0; BUIBUIN MEHIIY aK-
TUBHICTb, HiX BUXifHUI In-BMicHUI 3pa3ok: mpu
450°C mocsiraethes nuire 50% wouBepcis N,O
(Taba. 2). 3MeHIIEHHST aKTUBHOCTI OiHapHMX KO-
0anbT-, iHOIEBMICHMX aJIOMOOKCHUIHMX Kartai3a-
TOpPiB B MOPiBHSIHHI 3 iHAIAaTIOMOOKCUIHUM 3pa3-
KOM MMOBIpHO MOB’SI3aHO 3 YaCTKOBUM OJIOKYBaH-
HSM aKTUBHUX LIEHTPIiB OKCHUIY iHIil0 OKCHUIOM
KOOanbTy.

Ha naiiGinpin akTuBHOMY OiHapHOMY 3pa3Ky
3 BMicToM 5 Mac.% In,0; i TOCTiTOBHICTIO BBENEH-
H$1 KOMIOHEHTIB cnoyatky Co;0,, aani In,0; 3a uiei
temirepaTypu (450°C) korBepcis Beix peareHTiB NO,
N,O i CO mocsrae 6:mm3bpKo 90%. MoXIMBOIO TIpH-
YUHOIO MO3UTHMBHOTO BILUTMUBY OKCHUY iHJIi1O B CKJIai
o0iHapHoro okcuaHoro In—Co/Al,O, kartanizaTopa
€ CIPUSIHHS YTBOPEHHIO Ha MOBEPXHi HOCisl BUCO-
KOJIUCIIEPCHUX KJIACTEPiB OKCUIY KOOAIBTY, B IKIX
KoOanbT crabijizoBaHo nepeBaxxHo B ctaHi Co(Il),
3 aHajoriero 3 In—Co-BMiCHUMU LEOJITHUMU Ka-
Tamizaropamu [5,7].

BucokoakTupHi 3pasku In, Co-BMicHUX Ka-
TaJli3aTOpiB Oy MPOTECTOBaHI B peakiiili CyMiCHO-
ro BinHoBJAeHHS N,O i NO kap6oH(II) okcunom B
MPUCYTHOCTI BOJIOTY B peakiiiiHili cyMillli Ta HaJ-

JIMIIKOBUX KiJIbKOCTEM KUCHIO, pe3ybTaTh HaBe-
JIleHi B Tab. 3.

3 TabAMYHUX JaHUX BUIHO, 10 B peakiiiHUX
cymillax, 10 MiCTITh HaJIJUIIKOBI KiJIbKOCTI KUC-
Hi0 (N,O+NO+CO+H,0+0,), nopsia 3 BUCOKOIO
konHBepcieio NO i CO gocsraerbcsl 3HaUHO MEHIIa
koHBepcis N,O, 110 Moxe OyTH MOB’S13aHO 3 KOH-
KypeHlielo Mojiekyn-okucHukiB N,O, NO ta O,
(H,0) 3a akTuBHI LIEHTpU KaTajizaTopa.

ITpucyTHicTb MapiB BOAW B peakliiiHill cymilni
He BIUIMBA€E Ha aKTUBHicTh In-, Co-BMicHOTO KaTa-
Jizaropa 6iHapHOi ocHOBHM (80%Zr0,+20%Al,05) B
peakuii cymicHoro BimHoBJeHHS N,O i NO
kap6oH(II) okcuaoM i Aeiio rajabMye peaxililo Ha
o0iHapHoMy In-, Co-kaTamizaTopi aJtOoMOOKCHUIHOL
ocHoBHU. [HailiBMiCHUIT KaTajizaTop Ha oCHOBI Al,O,
TakoX uyTiauBuii no BBy H,O, ogHak micist mpu-
nuHeHHs1 nogadyi H,O B peakuiiiHy cymill ak-
TUBHICTb KaTaji3aTopa BilHOBJIOETHCS MOBHOIO
miporo. B mpucyrnocTi cyasdyp(1V) okcuny B pe-
akuiHiin cymimi DeNO, akTUBHiCTb OiHAPHOTO
(In—Co) karamizatopa CyTTEBO 3MEHIIIYEThCS.

EdexTuBHUM METOIOM IIiABUILEHHS aKTHB-
HOCTi OKCUJIHUMX KaTaJjli3aTOpiB B OKMCHO-BiTHOB-
HUX peakllisix € BBeAEHHS 10 iX CKJIaay HeBEJIUKUX
KiJbKOCTel MeTaiiB ratuHoBoi rpymu (Pt, Pd, Rh).
IManagiit B xinpkocTti 0,1% 3HAYHO MOKpally€e aK-
TuBHICTh Co, In-oKCMIHMX KaTani3aTopiB B peakilii
CYMICHOTO BiTHOBJIEHHSI oKcumiB Hitporeny kap-
60oH(II) okcuaoOM B HU3bKOTEMIIEPATYPHOMY Jiama-
30Hi, OHAK JOCITTU BUCOKOI aKTUBHOCTI Y 3BOJIO-
KEeHUX peakIiiHUX cyMilllax He Baajocs (Tabi. 3).

Tabauug 3

BB okncHukiB Ha akTuBHicTh (Pd) In, Co-BMicHMX amoMo- Ta NMPKOHii okcuanux Kartagizaropis (0,5%
N,0+0,2% NO+1,5% CO(C;Hg)+2% H,0+5%0, (SO,) B He; W=6000 rox ')

Komngepcist N;O[NO],%/T, °C (Tsgy,) A peakIifHux CyMiIIei:

Karad
aramsarop N,O+NO+1.5% CO | N;O+NO+CO+H,0 | N,O+NO+CO+H,0+0,
90/450 (280) [98/500] 90/500 (310) 23/570
L) 0,
3% 1n05/5% Cos0/ALOs | 955 (500) [53/5807" [91/500] [100/310]
45/580
2,5% In,053/10% C0304/80% 91/570 (460)
Zr0,420% ALO, 90/580 (460) [90/570] [90/570] [99/580]
22/500
74/550 (265) 0/550
0 o,
0,1% Pd/5% In,04/Z10, 76/550 (260) [99/550] [99/560] 66/560"
0,1% Pd/2,5% In,05/5% 90/450 (280) [99/450] 90/450 (280) [;ggg]
C0304/Z10, 96/500 (400) [89/450]° [100/450] <8/550°
0,1% Pd/5% Co304/5%
10,0./Z10, 82/460 (275) [75/460] - -
0,1% Pd/2,5% In,05/5% 79/560 (280)
Cos0/ALO, 97/570 (280) 199/560] 27(550)

IMpumitku: * — g peakuinHoi cyminii: 0,5% N,0+0,2% NO+0,3% C,Hg; ® — mist peakuiiinoi cymini: 0,5% N,0+0,2% NO+1,5%

CO+2% H,0+0,01% SO,.

The influence of the composition and method of preparation of supported In-, Co-oxide catalysts on their
activity in the reduction of N,O and NO by carbon monoxide



24 ISSN 0321-4095, Voprosy khimii i khimicheskoi tekhnologii, 2019, No. 4, pp. 19-27

Tak, xaramizarop 0,1% Pd/5% Co,0,/Zr0O,
MoKa3aB BUMCOKY aKTMBHICTb Y IOCHiIXKyBaHili pe-
ak1ii N,O+NO+CO: nipu 350°C mocsiratotbest 85—
99% xouBepcii N,O i NO i CO, mpote B TIpHUCYT-
HOCTI TTapiB BOAM aKTUBHICTh ACIIO 3HIKYETHCS [9].
IMamamiiioBaHnii iHOIMIMPKOHIMOKCUIHUI 3pa30K
0,1% Pd/5% In,0,/ZrO, nemo MeHII aKTUBHUIA:
pu 550°C mocsaraetrsest 74% xonsepceisd N,O i 100%
NO, xoua BUSIBJISIE Oibly BoJIOrocTilikicTb. ITo-
PiBHIOIOUM aKTUBHICTb MajiaaiiioBaHuX OiHapHUX In,
Co, amomo- i TUPKOHIEOKCUIHMX KaTali3aToOpiB
0,1% Pd/2,5 %In,0,/5% Co,0,/A1,0, ta 0,1%
Pd/2,5% 1In,0,/5% Co0,0,/ZrO,, BinmMidaeMo
301JIbILIEHHSI aKTUBHOCTI (3HMXKEHHSI TeMIlepaTypu
nocsarHeHHs 90% N,O i NO 6inbin Hixk Ha 100°C) i
BOJIOTOCTIIKOCTi, OUJIBIIIOI0 MipOI0 I IMPKOHI€E-
OKCUJHOIrO KaTajizaTopa: B peakLiiHii cymilli
N,0+NO+CO+H,0 npu 450°C mocsiraetbest 90%
ctymiab nepetBopeHHd N,O, 99% — NO i CO.

BeeaenHs manamiio 1o ckiaagy HaiOiIbIl ak-
TUBHOTO Katanizaropa 5% In,0,/5% Co,0,/Al,0,
HE TIpU3BEJIO A0 3MiHM MOT0 aKTUBHOCTI. AHAJIOTi-
YHUI pe3ysbTar crocrepiranu y sunaaky CKB NO
Ha TOTIOBAaHOMY POIiEM KOOATbTOKCUIHOMY KaTaJli-
3aTopi, Ie 3HIKeHHs KoHBepcii NO B CEIeKTUBHO-
My BigHoBJIeHHi mMeTaHoM Ha Rh—Co0O/ZrO,
MOPiBHSIHO 3 HENMPOMOTOBAaHUM KaTaji3aTOpOM
Co0/ZrO, nosicHI0BaJIM akTUBalli€lo peareHTiB (NO
i CH,) 3a iHIuMMU MaplIpyTaMu, MEHII BUTiZTHUMU
€HEepreTMYHO i KiHEeTUYHO HiX CTajil repeTBOpeH-
Hs1 NO i CH, Ha okcuiai KoOaibTy i MPOTOHHOMY
ueHTpi Hocisg (B-mentpi uupkoHin(IV) okcuny,
MOIM(IKOBAaHOTO OKCHUIAAMM TepPeXiTHUX MeTalliB)
[4,6].

binbin edextuBHe BinHOBIEHHST N,O i NO mipu
BUKopucTtaHHi KapOoH(Il) okcuay mopiBHSIHO 3
BiTHOBJIEHHSIM 3a yd4acTio IporieHy (Tabj. 3) Ha
3paskax 5% In,0,/5% Co,0,/Al,0510,1% Pd/2,5%
In,0,/5% Co,0,/ZrO, MoXHa TTOSICHUTH Ha TTiICTaBi
MeXaHi3My Tepe0iry peaxliliii Ha KaTajizaTopax Ta-
Koro Tuny. B 3araibHoMy BUIaAKy peaxilis
2N,0—-2N,+0, Moxe OyTU HamaHa SIK OKMCHEHHSI
akTuBHUX HeHTPiB N,O+(-)—>N,+(0O) 3 HacTyITHUM
BUIIAJIEHHSIM moBepxHeBoro OKcUreHy Gesrnocepe-
HbO camoio MosieKyJ1010 N,O: N,O+(0)—»N,+0,+(.),
pekombOiHaniero atomiB OkcureHy 2(0)—0,+2(:)
abo 3a nornomoroto BifHoBHUKa CO+(0)—CO,+(-).
MeTtanu TJIaTMHOBOI TPyMU XapaKTePU3YIOThCS
HU3BKOIO €HEpTi€lo 3B’sI3Ky Mmeranr—oxcureH [10],
TOMY KHUCEHb, YTBOPEHUI MPU AMCOLiaTUBHI a-
copo6uii N,O, mBulIe 1ecOpOYETHCS 3 iX TIOBEPXHi,
i peaxiist IIpoTiKae 3a OUTBII HU3LKMX TEMIIEPaTyp.
Kpim Toro, Ha Pd Moxe aktuByBaTucs 1K N,O, Tak
i CO [I11].

¥V pob6ori [12] mokazaHo, 110 KOOpAUHAIIITHO
HeHacCHUYeHi KaTiOHU MeTaliB Ha MOBEPXHi OKCHU/IIB,
B HamoMy BUmanmky Al**, MOXyTb OYTH IIeHTpaMM
agcop6iii mosekyn N,O i CO. Ak cnabka ocHoBa
(CTIOpigHEHICTh OO0 MPOTOHY Yy ra3oBilt (azi craHo-
BUTH 645 xJIxx/Monb), CO 3 KUCTOTHUMU ILIEHTpa-
MU JIbloica yTBOPIOE TiJIbKU KOMILJIEKCU 3 HU3bKOIO
eHeprieto 3B’43Ky Me-CO, mist sikux ancopOliiiHa
piBHOBara BCTAaHOBJTIOETHCS IIIBUJIKO HABITh 32 HU3b-
KHUX TeMIepaTyp, 110, BipoTiZHO, € ONHIEI 3 MpPU-
YUH BUCOKOI edekTruBHOCTI KapooH(II) okcumy sk
BigHOBHUKA N,O i NO mpu TeMmneparypax mo 400°C
Ha KartaJjli3aTopax LipKOHili- i aTlloMOOKCHIHOI OC-
HoBu [9,13].

IMoniGHMiT pe3ynbTaT 30UIbIIEHHST aKTUBHOCTI
KaTajizaTopa cTocoBHO TepeTBopeHHsI N,O i NO y
Hamuky CO B peakliiiHili cymillli criocTepiraiu
Ha Al—Pd—Co okcuaHoMmy KartajizaTopi B poOOTi
[14]. ABTOpU MOSICHIOIOTH AOCATHEHHSI BUCOKMX
KOoHBepciii okcuaiB HitporeHy 3a HU3bKUX TeMIle-
patyp (6mm3pko 200—250°C) B3aemomieo N,O Ta
NO 3 agcop6oBaHuMm CO Ha MOBepxHi KaTaiizaTo-
pa N,0+(CO)->N,+CO,*+(:), NO+(CO)—>
—1/2N,+CO,+(:), a He ynapHotw B3aemonieo CO
3 agcopooBaHuM OxcureHom CO+(0)—CO,+(-),
ockinbku aucouianiss N,O 3 yTBOpeHHSIM MOBEPX-
HEBOTO aTOMapHOTO OkcureHy (0):
N,O0+(-)>N,+(O) 6inbiu BiporigHa, Ha AYMKY aB-
TOpiB, 3a 3HAYHO BMIIMX Temieparyp (O0JaU3bKO
400°C). I1pu upomy BuTpara CO eKBiBaJIeHTHA 3HU-
keHHI0 KinbKocTi Mojib N,O i NO. Takum uynHOM,
IIBUAKICTb peakiii Moxe OyTH 30ijblleHa 10 MeB-
Hoi Mipu nipu Haguiuky CO, 1110 MU criocTepiraiu
i B HAIIMX JOCIiIKeHHIX [9].

AkTHBalig ByrjeBoaHiB B npoiecax CKB ok-
cuniB HitporeHy, 3a3Buyaii, BifOyBa€ThCsl Ha KUC-
JIOTHUX LIeHTpax bpeHcTena 11eoiTHUX, HIMPKOHI€E-
OKCHUJIHUX KaTayizartopiB, mMoaudikoBaHux 3d-me-
tajnamu [4,6].

OpepxaHi pe3yJbTaTH CBigyaTbh MpoO Te, IO
KaTaJiTU4YHiI BJIACTMBOCTI KOMIIO3UTIiB 3 OiHApHOIO
aKTMBHOIO (pa3010 CYTTEBO BiAPi3HIIOTHCS BiJ iHIM-
BilyaJIJbHUX OKCHIiB KOOaJbTy Ta iHIil0, HaHece-
Hux Ha Al,O;Ta ZrO,. biHapHi KaTaiizaTopy BUSIB-
JISIIOTh BUIILY aKTMBHICTb B JOCJiIXKyBaHOMY MpPO-
meci, gKa 3aJIeXXUTh Bil TOCTIIOBHOCTI BBEICHHS
aKTUBHUX KOMIIOHEHTIB (OKCUiB iHIi10 Ta KOOaJb-
Ty), IPUPOIM HOCIisI KaTajlizaTopa, KUCJIOTHUX BJla-
CTUBOCTEI TTOBEPXHi.

Sk 3a3Havanocs Bulle, B Ipolecax eKoJori-
YHOTO KaTaJli3y BilgaloTh MepeBary CTpyKTYpOBaHUM
KarajizaTopaM, 30KpeMa BUKOPMCTOBYIOTb KaTaJli-
TUYHI KOMIIO3MIIii, HAHECEHi Ha KepaMidHi HOCii
CTiJILHUMKOBOI CTPYKTYpHU. ToMy OyJIu MPUTOTOBJIEHI
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3pa3Ky CTPYKTYPOBAHMX KaTali3aTopiB, 10 MiCTH-
JIM OKCUAM iH[i10, KOOAJIbTY, IMPKOHIIO Ta aatoMi-
Hilo, c(hOpMOBaHi Ha CTiIbHUKAX i3 KaoJiHO-aepo-
crtore o (BMIicT KaoJiHy 25—40%, aepocuiioreio
— peliura, ckian KaoniHy: SiO,-AlL,O;-Ca0O-TiO,-Fe,0;)
i IpOTECTOBaHi B peaklisiX CyMiCHOTO BiTHOBJIEHHS
N,0 ta NO kapo6oH(II) okcumom i mporneHoMm, B
TOMY YHMCJIi B MPUCYTHOCTi Mapu BOAU Ta CYJb-
¢yp(IV) okcuny. aHi 3 aKTUBHOCTiI CTPYKTypOBa-
HUX KaTajli3aTOpiB B JOCJIIKYBaHUX IIPOLIecax Ha-
BeJeHO B Taba. 4.

AKTUBHicTb OiHapHux okcuaHux In-, Co-
BMIiCHMX CTPYKTYpOBaHUX KaTali3aTOPiB A0 HYX-
Yya MOPiBHSIHO 3 TPpaHYJbOBAaHMMMU KaTajlizaTopamu
(tabu. 2 i 3). 3HMKeHHs1 KoHBepcii okcuaiB Hitpo-
TeHy, IMOBIpHO, TTOB’sI3aHe 3i 3MEHILIEHHSIM aKTUB-
HOI TTOBEPXHi 3pa3KiB.

Cepen Ko0anbTOBMICHUX CTPYKTYPOBaHMX Ka-
TaJjIi3aTopiB OiJIbIIY aKTUBHICTh BUSIBUB 3Pa30K CKJa-
ny 7% Co0,0,/9% ZrO,/KA. B peaxuii BifHOBIEH-
Ha N,O i NO kap6oH(I1) okcumom mpm 550°C mo-
caraetbesd 80% xonBepcist HiTporeH(l) okcumy Ta
Maiixke nmoBHa KoHBepcist HitporeH(II) okcumy — Bxe
mpu 400°C. HomaBanua 2% H,0 mo peakuiiitHO1
CcyMillli TIOHMXKYE aKTUBHICTh KaTalli3aTOpiB B He-
3HayHo0 Mipoto. [Tpu BunydyenHi H,O 3 peakuiitHoi
CyMIlIIi aKTUBHICTh KaTaJli3aTOPiB ITOBHICTIO BiTHOB-
JIIOBAJIACK.

Karanizarop ckiany 5% In,0,/7% Co,0,/9%
7Z10,/KA xapakTepu3y€eTbCs TOCTaTHHOIO BOJIOIO-
CTilKiCTIO, OmHaK mpu aoaaBaHHi cyabdyp(I'V) ok-
cuny B peakuiiiny cymim N,O+NO+CO+H,0+SO0,
Oro aKTMBHICTh 3HM3mWIacs: mpu 550°C KoHBepcis
N,O0 —49% i NO — 80%, 1110 MOXXe OyTH TIOB’s13a-
HO 3 0JIOKYBaHHSIM aKTMBHUX LIEHTPiB KaTaiizaro-

pa n1abiIbHUMU MOBEPXHEBUMU CYJIbDYPOBMiCHU-
mu cronykamu. [lpm BumaneHHi 3 peakiiiiHOI
cyMimni napu Bomu i cynbdyp(IV) okcumy, moyar-
KOBa aKTHMBHICTh KarajizaTopa TOBHICTIO BilIHOB-
TmoeThes. JlormoBanmit manamieM 3pa3ok ckimany 0,1%
Pd/5% In,0,/7% Co,0,/9% ZrO,/KA BusBUB BU-
COKY aKTUBHICTb i CTiliKiCTh 10 BIJIUBY Mapy BOAM:
npu 450°C cryninb neperBopeHHs N,O, NO i CO
ckmana 90—99%.

Bucnoexu

BcraHoBieHo, 10 KaTaliTUYHA aKTUBHICTb
HaHeceHux OiHapHMX Co—In—okcuaHux Karaiiza-
TOpiB B peakii cymicHoro BimHoBiaeHHs N,O i NO
kapOoH(Il) okcmmoM Ta BYITIEBOMHSIMM 3aJIEKUTh
Bill MOCJiTOBHOCTI BBEIEHHSI aKTMBHUX KOMIIO-
HeHTiB, npupoau Hocisa (AlL,O,, ZrO,), KUCIOTHUX
BJIACTUBOCTEU TMOBEPXHi KaTajizaropa.

HaiiBuiily akTUBHICTb B ITpoliecax BiZHOBJICH-
Hs1 N,O i NO kap6oH(II) okcuaom BuUsSBUB KaTaJi-
3atop 5% In,0,/5% Co,0,/AlLO; (TIpu TeMITepaty-
pax 1450°C mocsararoThbest BUCOKi 85—90% KoHBepcii
pearenriB). binapai Co—In—okcuaHi KartajizaTto-
pu, HaHeceHi Ha Zr0,, XapaKTepu3yOThCsl CTIKICTIO
JIO BIUTMBY BOJIOTH.

JomyBaHHS nanamieM B KitbKocTi 0,1% cripusie
3HUXEHHIO TeMIepaTypu neperBopeHHs N,0 i NO
Ha 120—180°C, B GinmbLIiif Mipi TPy BUKOPUCTAHHI
CO sxk BimHOBHMKA. MeTanu MIaTUHOBOI Tpymnu
XapaKTepPU3YIOThCSI HU3bKOIO €HEPTIEI0 3B’ 13Ky Me-
Tan—OKcureH, Tomy atomapHuii OkcureH, yTBope-
HUN Tpu aucoliaTuBHii agcop6uii N,O, 110 €
JIIMITYBaJIbHOIO CTAIi€I0 TIPOIIECY Ha KaTajlizaTopax
TaKoro TUITy, IIBUIILIE AECOPOYETHCS 3 iX MOBEPXHi,
i peaklisi mepebirae 3a OiIblI HU3BKUX TeMIlepa-
Typ. SIK Bimomo, Ha Pd MOXyTh TaKOX aKTMBYBaTH-

Tabauusa 4

AKTHBHICTb CTPYKTYPOBAHHX KATaJi3aTOPiB, HAHECEHMX HA CTLIBHUKM 3 KaoJino-aepocuioremo (0,5% N,0+0,2%
NO+1,5% CO (0,3% C,H,,); V=6000 rox ')

Kongepcis N,O[NO],%/T, °C (Tsgy,) A8 peakIiitHux cyMimie:

Karanisarop N,0+NO+CO N,O+NO+C;Hg
10% C0,0,/9% Z10, 30/550 [99/450] 41/550 [71/550]
10% Co,0,/8,9% ALO; 28/550 [99/450] 39/550 [70/550]
7% C0,0,/9% ZrO, 80/550 (350) [99/400] 60/550 [99/550]

5% In,03/7% Co40,/9% ZrO,

65/550 (490) [99/500] -
58/550 [99/550] *

49/550 [80/500] °

5% In,03/10% Co0,0,/9% ZrO,

43/550 [99/550] -
35/550 [99/500] *

20/550 [73/500] °

0,1% Pd/5% In,04/7% Co,0,/9% ZrO,

90/450 (300) [99/450]
90/450 (300) [99/450]*

86/500 [90/500] °

Ipumitku: * — s peakuiiHol cymimi: 0,5% N,0+0,2% NO+1,5% CO+2%H,0; * — mia peakuiitnoi cymiii: 0,5% N,0+0,2%

NO+1,5% CO+2% H,0+0,01% SO,.
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ca N,0 i CO.

Po3pobsieHi rpaHyabOBaHiI Ta CTPYKTYypOBaHi
Katamizaropu ckmany 0,1% Pd/2,5-5% In,0,/5%
Co,0,/7Z10,/(KA) BUSBWIM BUCOKY aKTHBHICTh B
peakitii N,O+NO+CO (90—99% xonsepcii N,O i
NO nocsratotbes 3a Temmeparypu 450°C), Tome-
PaHTHICTh A0 BIUIMBY BoJioru Ta crojyk Cyibdy-

py.
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Among the problems of reducing the overall level of
environmental pollution, the problem of reducing the content of N,O
and NO in gas emissions from mobile and stationary sources remains
one of the most complex and important. The reduction of N,O by
carbon monoxide or hydrocarbons seems to be promising for
purification of dilute gas emissions from nitric (1) oxide (<1 vol.%
N,0) which are formed in the production of nitric acid and solid fuel
combustion processes. The reduction of the inhibitory effect of oxidizing
agents (SO,, 0, H,0) is a critical factor in the design of catalysts
for DeNO, processes. Monolithic catalysts of a new generation, related
to the so-called structured catalysts, are today the most demanded
in the processes of ecological catalysis due to the possibility of a
more rational use of active components, the increase in productivity
and the decrease in the gas-dynamic resistance of a catalytic reactor.
We showed that the activity of binary In-, Co-oxide catalysts in the
Joint reduction of N,0 and NO by carbon monoxide depends on the
nature of the support (Al,0;, ZrO,), the sequence of the introduction
of the active components and the acidic properties of the surface.
The deposited In-, Co-oxide catalysts of the zirconium oxide base
doped with palladium (0.1%) showed high activity in the joint
reduction of N,O and NO by carbon monoxide: 90—99% conversion
of N,O, NO and CO was achieved at 450°C. The tolerance to the
effects of H,0 and SO, was observed. The developed palladium-
containing indium-cobalt-oxide structured catalysts (on block carriers
of a kaolin-aerosilogel honeycomb structure) are characterized by
high activity, moisture and sulfur resistance, low content of platinum
metals; they can be used for complex purification of waste gases from
nitrogen oxides (N,0, NO,) and CO.

Keywords: DeNO,; In—Co-oxide catalysts; Al—Zr-oxide
carriers; Pd; CO; moisture and sulfur resistance.
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