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BIJIUB CKJAAY TA KUCJIOTHOCTI NOBEPXHI Fe-,Co-BMICHUX KATAJII3ATOPIB
HA OCHOBI HEOJITIB TA ZrO, HA PO3KJIAA TA BIAHOBJIEHHSI OKCUAY A3OTY (I)

BcranoBneno 3’30k Mik cknazom Fe-, Co-BMicHHX KaTani3aTopiB Ha OcCHOBI HeodniriB i ZrO, Ta iX aKTHUBHICTIO
B peakiisx poskiaagy okcumy aszotry (I), ioro BimHoBieHHs Ta cymicHoro BigHoBieHHs N,O i NO merkumu Byr-
JeBOIHAMH. FE-BMICcHI meoiTi (CTPYKTYpH TEHTACHIy i MOPJEHITY), sIKi 32 JaHHMH TEPMOMPOrpamMoBaHOi gecopo-
nii amiaky XapakTepH3yIOTHCS HOBEPXHEBHMMH CHJIBHOKHCIOTHUMH LEHTPAaMHM, BHUSBISIOTH OUIBINY aKTHUBHICTH
y mpsAMoOMYy pO3Kiaii 3akucy a3ory. bimbma edpextusnicts BinHoBieHHA N,O C3-Cy-ankanamu, mopisasao 3 CO,
B TOMY 4HCHi B HaJuUIKy KucHIO (mocsrHeHHs 90—94 % xouBepcii N,O npu 6inbmr HU3BKHX TeMIepaTypax) y
NPUCYTHOCTI FE-BMICHMX LEONITHUX KaTali3aTopiB 00yMOBIEHAa aKTHUBAII€I0 BYIJIEBOAHIB-BiIHOBHUKIB Ha CHIIb-
HUX KHCJOTHHX nentpax Bpencrena. Ilpu cymicnomy Binmosmenni N,O ta NO Cy-Cy-ankanamu npu 400—450 °C
6impm Bucoki xouBepcii N,O nocsratorscs Ha Fe-BmicHoMy, a NO — nHa Co-BMicHOMY KaTali3aTopax I€OJITHOI
ocHoBH H-ZSM-5, mo now’s3aHO 3 pi3HUMH MapHIpyTaMU aKTHUBaLii 3aKHCYy i MOHOOKCHIY a30Ty.

Oxcumu azoty NOy ta N,O (3akuc a3oTy, OKCHI
azoty (I)) — oxui 3 HaliHeOe3nmeyHIMUX 3a0pyIHIO-
BadviB aTMOC(EpH, IKi TPUBOIATH 0 YTBOPEHHS KHC-
JIOTHHUX JOINIB, CMOTY Ta pa3oM 3 IHIIUMH Ta3aM{
(COy, CHy, dpeonu) cnpuyMHSIOTH “HapHUKOBUIL
edekT”. OcobnuBa yBara JI0 MpoIeciB MepeTBOPECHHS
N,O oOyMmoBieHa THM, IO IIBHIKICTH HOTO BHI-
JeHHs B atMocdepy 3a OCTAHHE ACCATHPIYUS 3HAYHO
3pocina, Tomy 3MeHIIeHHs BUKUAIB N-O € BaKIHBOIO
npobiieMoro 3axucry goBKim [1, 2]. Bimzomo, mo emi-
cig oxcupis azoty NOy B atmoctepy ckinanae 30 MitH
TOH Ha piK, Oi7bIIa YacTUHA 3 HUX MA€ AHTPOIIOTCH-
He noxoxkeHHs. B Ham yac Bmict NoO B atmocdepi
ckinanae 0.6 Mr/M3, no Ha 1-2 mopsiaka BHINE, HIK
koHueHTpanis NO ta NO,, i nocriiiHO 3pocTae Ha
0.2—0.3 % 3a pixk [3, 4].

Jng 3HEemKOIKeHHs po30aBIEHUX BUKHIHHUX
HiTpo3Hux raziB (BMict N,O menwe 1 %), 30kpema y
BHPOOHUIITBI a30THOT KUCIOTH 1 Mpolecax ropiHHS
TBEPAUX MaJKB, MEPCICKTUBHUMU € HACTYIHI KaTa-
nitnyHi Meroau: &) poskiax N,O no asory Ta Kuc-
HIO; 0) BiZIHOBJICHHS 3aKHCY a30TY MOHOOKCHJIOM BYT-
neo abo BYIJIEBOMHSIMHU, B) CEICKTHBHE KaTaJiTH-
gyue BinHOBIeHHs (CKB-mporec) — s HITpO3HHX
rasis, [0 MICTATh KuceHb [5]. He3Baxaroun Ha Te,
o Asi poskiany okcuay azoty (I) 3ampomoHoBaHO
pI3HOMAHITHI KaTalliTUYHI CHCTEMH, Ha ChOTOJHI
BIJICYTHI aKTHBHi 1 cTa0LIbHI KaTali3aTOpH, MPUIAT-
HI JJISI TPAaKTUYHOTO 3acTOCyBaHHS. J{yis 3HEIIKOI-
KCHHSI KHCCHBBMICHHX TEXHOTEHHHX T'a30BHX BUKH-
niB pospodneno mpouecu CKB NO,, pazom 3 tum
OJHIEI0 3 BAXIMBUX HPOOJIEM € TONIYyK KaTaji3a-
TOpPiB Ta 3’ACYBAaHHS YMOB CYMICHOTO HEpETBOPEHHS
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okcuai azory (I) i (II), 30kpema, HUIIXOM CENEKTUB-
HOTO BIIHOBJECHHS 3aKHCYy I MOHOOKCHIY a30Ty
ByrieBoqHsIMH [2, 6]. OTiKe, MiABHUIICHHS ePEKTHBHO-
CTi KaTaJITHYHOTO TepeTBOpeHHs okcuay azoty (I) e
aKTyaJbHHUM 3aBIAHHIM sIK 3 (QyHIAMEHTAIbHOI, TaK
13 MPAKTHYHOT TOYOK 30PYy.

VY naniif poOOTI pencTaBIeHO pe3yabTaTH 3B s-
3Ky MDK CKJIaJIOM KaTaji3aTOPiB LEOJITHOI 1 ITUPKO-
HIHOKCHUJIHOT OCHOBHM, MOJAH(IKOBAHHX OKCHIAMHU
MepexiTHUX MEeTalliB, 30KpeMa 3aliza 1 KoOaJbTy, Ta
iX aKTHBHICTIO B peaKIlisiX MPsAMOTro pO3KJiaidy, Bii-
HOBJICHHS Ookcuay a3oTy (I), CyMiCHOTO BiXHOBIICHHSI
N0 i NO nerkumu ByrieBoJHIMH.

VYV peakuii poskimany oxcuay asory (I) mocmi-
JOKCHO ITMHA PSIi KATATITHYHUX CHCTEM, OCTaHHIM
YacoM 3HayHa yBara MPUAUISETHCS KaTaji3aTopam
Ha OCHOBI IIEOJITiB, 30kpeMa ZSM -5. AnbTepHaTHBOIO
[ICOJIITHUM KaTaji3aTopaM € OKCHIHI CHCTEMH, fKi
3aCTOCOBYIOTHCS SK HOCIT 1 KaTamizaTopu 0aratbox
MPOLECIB 1 MAIOTh PSiA TEpeBar MOPIBHSAHO 3 IIE0Ji-
tamu [7]. Cepen HaflaKTUBHINIMX KaTali3aTOPIiB pO3-
KJIALy 3aKUCy a30Ty, B TOMY YHCIi B IPUCYTHOCTI
KHMCHIO, BUALIAIOTHCS 3aJ1i30- 1 K0O6anbTBMicHi [8].

AHani3 ocobmuBocreil 6ynosu monekyan NoO
(y BimmoBimHOCTI 70 3ampomoOHOBaHOI abCOTIOTHOI
IIKAJH OCHOBHOCTI CHOPiAHEHICTh O IPOTOHA 3aKHU-
cy asory (576 x/I>x/Mob) cmiBcTaBHA 31 CIIOpigHe-
uictio merany (544 x/lxx/monp) i CO (593 k/]x/Mous))
nossouisie posrisigaatu N-O sk ocHoBy bpencrena [9].
VY 3B’a3Ky 3 num xapaktep aktuBanii N,O Moxe 3a-
JSKATH Bil KUCIOTHUX BIIACTHBOCTEH MOBEPXHI Ka-
tamizatopa. ToMy B peakilisix MepeTBOPEHHS 3aKUCY
a30Ty HaMH OyJ0 BHBYEHO KaTaJli3aTOPH 3 KHUCIOT-
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HUMH BIACTHBOCTSAMHU MoBepxHi — H-dopmu 1eo-
TITIB PI3HUX CTPYKTYPHHX THMIB 1 JIOKCHJ IHP-
KOHIIO, IOTOBaHI OKcuaamMu nepexinaux merainis (Fe,
Co, Cr), Ce, a TakoX pomieM.

Hocmimkenns Fe-, CoO-BMICHHX KaTtami3aTopiB
Ha OCHOBI ILeouiTiB Ta OiHapHOro Hocit (ZrOy+H-
ZSM-5) meronamu pentrenodaszosoro anamizy (POA)
Ta CKaHyr4oil enektponHoi mikpockorii (CEM) mo-
Ka3alio, Mo 3pa3kH iACHTU(DIKYIOThCS K BHCOKOIU-
CIIEpPCHI YaCTMHKH aKTHBHOI (ha3u, 30CepemKeHi Ha
HOBEpxHi HOCIiB (TerparonanbpHa Moaudikaiis ZrO,,
MOpJIEHIT, MEHTACKI), 30KpeMa y BHIJISA/l arperopa-
HUX B HaHokinacrepu wactuHok Fe0y (25—30 um)
(puc. 1).

VY 1abn. 1 HaBeJeHO NaHi CTOCOBHO aKTHBHOCTI
(mMakcumanbHa konsepceis No,O XN,0 1 Temneparypa ii
JOCATHEHHS) Ta KOHLEHTpallil KUCIOTHUX LEHTPIB MO-
BepxHi Fe-BMICHUX KaTami3aTopiB 3a TepMolecopo-

EHT = 150 kV

1pm Sianal A = ESB
Mag=66.82 KX |— | ESBGHd= 1303V ULTRAPLUS40-24

Puc. 1. Exextponna mikpodoTorpadis moBepxHi KaTami-
3aropa 10 % Fezong -ZSM -5, 66820-kpaTHe 30iNbIICHHS.
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Puc. 2. 3anexHicTh MIBUIKOCTI peakiii po3kiamy NZO Bif
Temmepatypu Ha Kartamizaropax: 0.5% Rh/10 % CeOZ/
Zr0, (1), 5% Co0/zr0, (2), Zro, (3), 10% Ce0,/Zr0,
(4), 10% Fe,0,/Zr0, (5).

mieto amiaky (TIIA-NHg). Buano, mo HaitOinbm
AKTHUBHI KaTaJli3aTOPX Ha OCHOBI IEOJIITIB XapakTe-
PHU3YIOTHCS HASIBHICTIO Ha MOBEPXHI CHIBHUX KHC-
JOTHUX LeHTpiB (Temmneparypa aecop6buii NHg Bu-
ma 3a 400 °C).

Ha puc. 2 HaBeneHO TeMmIepaTypHi 3aJIeXHOCTI
MIBHIKOCTI peakuil poskiany okcuay asory (I) Ha
UPKOHIMOKCHAHUX KaTali3aTopax, MOANU(DIKOBAHUX
okcumamu rnepexigaux meraiie (Co, Fe, Rh) ra Ce.
CaM IiOKCHA IUPKOHIIO TaKOX BHUSBISIE JOCUTH BU-
COKY aKTHBHICTB: Xy,0= 87 % npu 600 °C. Kara-
Ji3aTOPH, MO MICTATH SIK aKTUBHY a3y okcunu Fe
i Ce, 3HaYHO MOCTYMalThcs iM B aKTUBHOCTI. Y MpH-
cytHocti katanizatopa 10 % Cry,04/ZrO, y pociin-

Axruenicts (1 % N,O B He, V=6000 ro,:[_l) i KHCJIOTHI BJIACTHBOCTI ITOBEPX Hi 3a/1i30BMiCHMX KaTaJti3aTopis 3a ganuvu TITI-NH 5

3pa3ok XNZO' % (T, °C) Kucnotnicts, Mmons NHa/r (T a0 °C)

FeZSM-5* 90 (530) K=0.25 [K,=0.11 (220), K,=0.14 (440)]

Fe,04/H-ZSM -5 *+ 9% (550) K=0.40 [K,=0.20 (220), K,=0.20 (445)]

Fe,0,/[(Zr0)* - H-ZSM-5] 90 (550) K=0.41 [K,=0.23 (230), K,=0.18 (450)]

Fe,04/[(Zro)* - H-M] 86 (550) K=1.00 [K,=0.66 (240), K,=0.34 (525)]
Fe,0,/[(Zro)* - H-Y] 15 (550) K=0.39 (220)
Fe,0,/2r0, 47 (570) K=0.09 (200)

Fe,0,4/(35% ZrO, + 65 % H-ZSM-5) 94 (582) K=0.35 [K,=0.21 (220), K,=0.14 (470)]

* Cryninb HoHHOTO 0OMiny 93 %;

** nameceHi kartanizatopu Mictath 10 % Fe,O5 (y mepepaxynky Ha MmeTan).
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Taonuumgsas 2

Brume O,, NO, SO, na aktushicte Fe- i Co-BmicHux karanizaTopi y peakuii poskaaxy N,O (V=6000 roz[_l)

Koungepcis N0, %/ T, °C (Tspop) AT peakuifiHMxX cymimrei

3pa3ox
1%N.,0 + 1%N.,0 + 0.4 % 1%N,0 +
0, 0, 0, 2 2 2

1%N0y He J1%NLO+5%0, L 040%NO | NO+5%0, | +0.15%S0,

Fe,0,/H-ZSM-5 90/525 (475) 90/525 (475) 90/410 (370) 90/465 (390) 90/500 (430)
58/370 *

Fe,04/(35%2r0,+  90/550 (510) 90/550 (510) 90/450 (375) 90/510 (400) 90/505 (455)
+ 65 % H-ZSM-5) 60/400 *

CoO/H-ZSM -5 90/480 (415) 90/480 (415) 90/500 (420) 90/510 (425) 85/500 (420)
60/455 *

5% Co0/zr0, 90/485 (420) 88/500 (435) 83/500 (440) — 90/500 (425)
53/510 *

* Kounsepcis NO, %/T, °c.

KyBaHOMy TemmepaTypHoMy iHTepsani (1o 550 °C)
posknax N,O He cmocrepiraerses. IIpoMoTyBaHHS
Ce-BMICHOTO 3pa3Ky Ha OCHOBI JIOKCHIY ITUPKOHIIO
pOAieEM 3HAYHO 30UIBIIYE HOTO aKTUBHICTH LIOJO Mps-
MOTO po3Kiagy 3akucy azoty (puc. 2). Cepen kara-
ni3aTopiB Ha 0cHOBI ZIO5 BUIY aKTHBHICTh BUSBHIIH
KOOANbTBMICHI 3pa3KH, NMPUYOMY AKTHBHICTh 3ajie-
JKUTh BiJl KUTbKOCTI BBEICHOTO OKCHIY KOOANbTY, MPO
IO CBIIUUTH €KCTpeMasibHA 3aJICKHICTh TEMIIEPaTypH
nocsraenns 50 %-1 kouBepcii 3akucy azoty (7'sgoy)
Bim kimpkocti Hanecenoro Co0O (0.5—10 % mac.)
(puc. 3). Ha naiibiapin akTuBHOMY KaTajizaTopi 5 %
Co0/ZrO, 93 %-Ba xomsepcis N,O nocaraerbes npu

T, CX__NO)
500 - =

420 -
460 -

440 - "

420 A

k-
400 , ,

0 2 4 fi g 10
Co0 %

Puc. 3. 3anexHicte Temnepatypu nocsraeHHs 50 %-1 KoH-
Bepcii N,O (1% N,O B He, V=6000 roz[_l) BiJl KIJTBKOCTI
CoO, nanecenoro na ZrO,,.
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500 °C. 3rinHo 3 jiTepaTypHUMH JaHUMH, YTBOPEHHS
BHCOKOJAMCIIEPCHUX YACTHHOK OKCHAY KOOAJbTy Ha
Hocii (805, Al,Og) came y kaTamizaTopax 3 BMICTOM
aktuBHOI (pasu C0,Oy 2-5 % mac. 3abesneuye ix Bu-
COKY aKTHBHICTh 1 CENEKTHBHICTh 32 PaXyHOK 3MEH-
HIeHHs iMOBipHOCTI arnomepaitii yacrunok [10, 11].

Kputnunum QaktopoMm y au3aiiHi KaTanizaTo-
piB 3HemkokeHHs N O € 3MeHIIeHHs iHTi0y4oro
BIUIMBY okucHUKIB — O, NO, SO, [12], Tomy npen-
METOM MOJaNbIIUX JOCHIIKEHb OYyJIO BHUBYEHHS
BrumBy Oy, NO i SO, Ha po3kian 3akuCy a30Ty.

VY Tabn. 2 HaBeneHo mani no BmamBy Oy NO,
SO, Ha po3skian okeuny azoty (I) (konsepcii NoO ta
NO i temmeparypu iX AOCATHEHHs, B IyXKax —
temnepatypa nocsraeHus 50 %-i konsepcii NoO) Ha
HalOimpm akTHBHEX Fe- Ta CO-BMicCHHX KaTaji3aTo-
pax Ha ocHOBiI H-ZSM -5, ZrO, ta 6iHapHOi KOMIIO-
3unii (35 % ZrO, + 65 % H-ZSM -5). TIpucyrHicts y
peakIiifHii cyMmiln KUCHIO B KibKOCTI 5 % He BIuH-
Bae Ha mBHUAKICTE poskianxy N-O na Fe- ta Co-Bwmi-
CHHMX KaTaJli3aTopax IEeoJiTHOI 1 OiHapHOI OCHOBH.
Ha Haiibinem aktuBHHX CO-BMICHMX HUPKOHINA-OK-
CHIIHUX 3pa3KaX CIOCTEPIraeThcsl HEICTOTHE rajbMy-
BaHHS peakIlii po3KIagy I BIUIMBOM KHCHIO, SIKE
30UTBITYETHCA MPH BITHOCHO HU3BKUX TEMIEpPATypax
(mo 400 °C). MexaHi3M reTepOreHHO-KaTaJiTHIHOTO
poskmany No,O Bximouae necopOIil0 MOBEPXHEBOTO
KHCHIO, 1[0 YTBOPHUBCS B pe3ynbraTi aguconiamii No,O
[8]. HonaBaHHs B peakiiiiHy CyMill KHCHIO 30inblLIye
HOTO MOBEPXHEBY KOHIIEHTPALIIO 1 TAJIBMYE PO3KIak
N,O y pesynbrari OJIOKYBaHHS aKTHBHUX IEHTPIB.
[TinBuIIeHHS TeMIepaTypH CIpUse AecOopOIil KUCHIO
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1 3MEHIIIye HOro BILUTMB HA peakUilo. Meranu miaTu-
HOBOI I'PYyIU XapaKTepU3yThCs HU3bKOK EHEepTiero
3B'13KY METaJl—KHCEeHb, TOMY KHCEHb IIBHJKO JECOp-
OyeTbcs 3 iX MOBEPXHI, IO MOSCHIOE BiICYTHICTH
BILTMBY KucHio Ha po3kinanx N,O Ha 3paskax, mpo-
motoBaHux poaiem: 0.5 % Rh/[(ZrO)2+- H-ZSM-5]
ta 0.5 % Rh-Ce05/Zr0O, [13].

Jlns 3a;mi30BMICHUX IIEOJITHHX KaTali3aTopiB y
npucytHocti NO ta SO, y peakmiiiHiii cymimti Tem-
nepatypu pocsarHeHs 50 1 90 % konBepcii 3akucy
a30Ty 3HIKYIOThCA. HalmoMiTHinie 301TbIICHHS aK-
THBHOCTI criocTepiranu ays katanizatopis FeyOqfH-
ZSM-5i Fe,04/(35 % ZrO, + 65 % H-ZSM-5) — 3uu-
xKeHHs Temmepatypu gocsrHeHHsS 90 %-1 xonBepcii
N,O na 100—115°C i na 25—45 °C y npucyTHocTi
NO i SO, BinmosinHo.

OneprKaHi pe3yslbTaTH Y3rOIXKYIOThCS 3 JIiTepa-
TYPHUMH JaHWMHU PO TO3UTHBHHU BIUIUB HE3HAU-
HUX Kinbkocreit okcuay asory (II) Ta miokcuny cipku
Ha TPSMHA PO3KJIAA 3aKUCY a30Ty Ha Fe-BmicHHX
neostitax Ty ZSM -5, Ha BiAMIHY Bifl IHIITUX CHCTEM,
JUIS IKUX HasiBHICTB y ra3zoBux cymimax N Oy i, 0co06-
1uBo, SO, IPUBOINUTE 10 iHTiOyBaHHS peakuii Ta me-
3aKTHBallii kartamizatopa [14].

Brums NO, SO, 1 O, Ha po3Kian 3aKHCy a30Ty B
MPUCYTHOCTI 3aJII30BMICHUX IICOJITHUX KaTai3aTo-
piB cTae 3pO3yMiTUM NPHU PO3TIILAL MEXaHI3MY peak-
i [15, 16]:

N,O+* ® N,+O*; (1)
N,O+O* ® Ny+0,+*; 2
20F ® 0,+2*; ©)
NO+O* ® NO,+*; (4)
SO,+0* ® SO5+*, (5)

e *

— AaKTUBHHUI [EHTP MOBEPXHI KaraizaTtopa.
3rigno 3 mexanismom (1)—(3) [17], na 3amizo-
BMICHHUX II€OJIITaX JIMITYIOUOK CTaJI€l0 PO3KIALy €
JecopOIriss KMCHIO 3 IOBEPXHI KaTaji3aTtopa, SKa
BiIOyBa€eThCA NIIAXOM PEKOMOIHALII CyCiIHIX aTOMIB
kucHio (3) abo B3aemoii iHmoi monekymu N0 3 oku-
cineHuM 1eHTpoM (2). JlogaBaHHs HAUTHIIKOBOT Kijlb-
KOCTi KHCcHIO B peakuiiiny cymim (1% N-O B He) He
Ma€ HEraTUBHOTO BIUIMBY HAa PO3KJIAJ 3aKHCy a30Ty
Ha HaWOUTBII aKTUBHUX 3aJII30BMICHHX KaTalli3aTo-
pax meositHOT ocHOBH (Tali. 2). IMOBipHO, MOJIEKY-
JSIPHUHA KHUCEHb HE JUCOIIIOE HAa ITOBEPXHI AOCIiA-
JKEHUX KaTalli3aTopis, sik i Ha F&-ZSM-5, 1 He koH-
kypye 3 N,O 3a aktuBHi uentpu [15].

I Buaxicte posknamy N,O 30ibiyeThes B Ipu-
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cyrnocti NO i SO, B pesynbrarTi iX B3aemonii 3 ai-
copOOBaHUM KHCHEM, IO YTBOPHUBCS MPHU PO3KIAIL
monekymu N ,O, i perenepalii akTHBHOTO HEHTPY T10-
BepxHi. [Ipunyckaerses, mo SO, Buganse 3 moBepxHi
ajacopOoBaHMIT aTOMapHHUIT KHCEHb 03 yTBOPEHHS CTiii-
KHX ITOBEpXHEBUX cynbdaris [18, 19].

Y Bignosignocti go peaxuiit (1)—(5) SO, i NO
MOBHUHHI OyTH KpallMMH BiZTHOBHUKAMH aKTHBHHX
uentpis, Hix N,O, To6T0 peakuii (4) i (5) konkypy-
10Th 3 (2) 3a BIIHOBICHHS OKUCICHOTO AKTHBHOTO
uentpy (Fe-O), perenepyroun ioro. Takum 4uHOM, M-
sunieHHs KoHBepcii N,O 00ymoBieno Oinbin edek-
THBHUM BHJAQJICHHSIM aTOMapHOTO KHCHIO B PE3yJb-
Tati Horo B3aemoii 3 NO i SO,.

3 METOI0 3HW)XEHHS TeMIIepaTypH MepeTBOPEeHHS
N,O HaiOLIbI aKTHBHI 3a/1i30- Ta KOOAIbTBMICHI Ka-
Tai3aTOPH MPSIMOTrO PO3KIAay JOCIIHKEHO B peak-
[iAX BiAHOBIJIEHHS 3a gonomoror CO Ta ByrieBol-
HiB (Cq, C5Cy ankanis). ¥ Tabn. 3 HaBeneHo aaHi
0 aKTHUBHOCTI 3aJli30BMICHUX IICOJITHUX KaTaii3a-
Topie y peakuii BigHoBiIeHHA N ,O C5C ankanamu i
MoHOOKcH0M Byriemio. [Ipu sinnosaenni N,5O npo-
nan-Oyranosoto cymimmio (CgHg:CyH 9= 21) y
BIJICYTHOCTI KHCHIO Fe-BMicHI karamizaTopu Ha oc-
HOBI LIEOJIITIB CTPYKTYpPH MEHTACUIy, MOPACHITY, B TO-
My YHUCIi iX KaTioH-AeKkaTioOHOBaHI GOopMH 3 HOHOM
UPKOHLTY, 1 GIHAPHOTO HOCIS BUSBIAIOTH OJIN3bKY aK-
THUBHICTB: KOHBepCis okcuay azoty (1) 91—94 % no-
caraetbes npu 400—450 °C. Menm akTuBHHMI 3pa-
30K Ha OCHOBI I1€0JITy Y — CTyMiHb HMEPETBOPEHHS
N0 91 % cnocrepiraernbes numie npu 490 °C. B ymo-
Bax CENEKTHBHOTO BifHOBIEHHS (y HAIUIMIIKY KHC-
HI0) uis pocsrHeHHs Bucokux (3 90 %) xouBepciii

20 HCO6X1,Z[H1 TEMIEPATYpH, 1O MEPEBHIIYIOTH BKa-
3ani Ha 50 °C (ans KaTan13aTopa Ha OIHapHOMY HOCIi
— 6inpm Hix Ha 80 °C). Jlume xatanizatop 10 %
FeZOjH -ZSM -5 36epirae OJIHAKOBY aKTUBHICTB SIK
Y BIICYTHOCTI, TaK i B IpucyTHOCTI KucHI0: N ,O Bin-
HOBIIXOETHCS 10 N2 Ha 50 % npu 330 °C i ma 92—
93 % npu 400 °C. 3pa3ok Ha OCHOBI (poxcamTy y
CKB N,0O neMoHCTpy€e HHKYY aKTHBHICTh — KOH-
Bepcia N,O cranosuts 57 % npu 550 °C.

Bignosnenust okcuay a3oty (1) MOHOOKCHIOM ByT-
JEI0 Ha 3aTi30BMICHUX KaTali3aTopax BiOyBaeThCs
IpH TeMIlepaTypax, OJU3bKHUX J0 TEMIIEpaTyp BiTHO-
BJICHHS NpOMaH-0yraHOBow cyMmimiw (tabi. 3),
JIEII0 HUXYY aKTUBHICTh BUSBUIIH 3pa3ku F&ZSM-51
F6203/H—ZS|\/I -5 peaKulﬂ CIIOCTEPIraeThest npu Tem-
neparypax Ha 30—50 °C Bumie y mopiBHAHHI 3 Bix-
HoByeHHM C5-C, BYTJIEBOIHIMH.

V npucyrnocti kucHio (N;0+CO+0O,) BigHoB-
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Taonumsas 3

AxTHBHiCTE Fe-BMicHMX KaTanizaTopiB y peakmiax BimHoBaenns 3akmcy a3ory C;-C,-amxanmamm i CO (0.5% N,0O,
0.2% C4Hg-C4H g, 0.5% CO, 5% O,, pemra — He, V=6000 rox )

X0 Ny %! T

o] ‘u . o
nocsrerns @ C UL PEAKUIMHUX CyMimei

3pa3ok N.O+

NO+ CoHgCulyo | 4+ C3H8-64Hlo +0, | N2O+CO | NO+CO+0,
FeZSM-5 93/400 93/450 92/450 83/560
Fe,0,/H-ZSM-5 93/400 92/400 96/455 91/550
Fe,0,/H-M 94/450 94/500 96/470 80/550
Fe,0,/[(Zr0)* - H-ZSM -§] 93/410 90/450 95/460 91/550
Fe,0,/[(Zr0)* - H-M] 91/450 91/500 94/460 91/550
Fe,0,/[(Zro)* - H-Y] 91/490 57/550 94/525 24/550
Fe,0,4/(35 %ZrO, + 65 % H-ZSM-5) 93/420 90/505 95/450 89/550

JICHHSI 3aKUCY a30Ty BiNOYBa€THCS IPH TEMIIEpPaTy-
pax, maibke Ha 100 OC Bumux, Hix y WOro BIiACYyT-
Hocri, i Ha 50—150 °C Bummux nopisHAHO 3 Temmepa-
typoto CKB C3-C, ByrneBoguamu. 3pa3ok Ha OCHOBI
neottity Y BusiBuB HU3bKYy CKB-akTHBHICTB NpH Bin-
HoBneHHI CO: xouBepcis NoyO ckmanmae 24 % mpu
temmnepatypi 550 °C.

[IpuurHO BIAMIHHOCTEH KATaJITHYHOT aKTHB-
HOCTI FE-BMICHHX HEOJITIB Pi3HUX CTPYKTYpPHHX
tunis y peakuiax BixHosneHHS N0 C3-Cy-ByrieBon-
Hsamu 1 CO e, iMOBipHO, pi3Hi YMOBH akTHBaLii pea-
TCHTIB Ha aKTHBHHX LEHTpPax KaTali3aTopiB. 3aKHc
a30Ty MO’Ke aKTHBYBAaTHCS Ha B-IeHTpax IEOJITIB
[20], okpim Toro, akTuBHiCTH Fe-BMicHHX meHTacu-
niB y peaknisx nepersopenHs NoO mos’sa3yroTs 3 Ha-
SBHICTIO a-1eHTpiB [21]. 3 iHIOro 600Ky, BBaXarTh,
[0 aKTHBAIliS aJIKAHIB 3MIHCHIOETHCS 32 YYACTIO aTo-
MapHOTO KHCHIO 1 KHCIIOTHO-OCHOBHHUX IICHTpPIB Ka-
tanizatopa [22]. ¥ pobori [23] mokazano, mo ankaHu
MOXYTh ajcopOyBatucs Ha H-dopmax meoumiTiB 3a
paxyHOK YTBOpEHHS CIaOKHUX BOJHEBUX 3B'A3KIB 3
KHCIOTHUMH IIeHTpaMu bpeHcrema, mpudoMmy Mim-
HICTB 3B's13Ky ancopOoBanux ankais 3 S((OH)Al-rpy-
MaMU 3aJeKHUTh Bill JOBXKHHH BYTJICIEBOTO JIAHI[IOTA.

3HWKeHHS TeMrepaTypu mneperBopeHHs NoO
MpU I0JaBaHHI BIIHOBHMKA — JIETKUX aJIKaHIB a0o
CO, na 100—150 °C y nopiBHAHHI 3 OPSAMHM pO3-
KJagoM 3akucy asory (tabdn. 1 i 3) BinOyBaerncs 3a
paxyHOK OUTbII iHTEHCUBHOTO BUJAJICHHS BiTHOBHU-
KaMH KHCHIO, SIKHH YTBOPHBCS IIPH TUCOIIaTHUBHIM
ajcopOIii 3aKucy a30Ty Ha KaTajizaTopi. B 3arans-
HoMy Bunanky peakuis 2N,0® 2N, +O, Mmoxe OyTn
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HpeJCcTaBieHa K OKUCIeHHs akTuBHUX HeHTpiB (N0
+Z®N,+Z0O) 3 HacTynmHUM BHUAQJCHHSAM IOBEpX-
HEBOT'O KHCHIO O€3M0cepefHE0 camMoro Mosiekynoo NoO
(NO+ZO® N5+ Oyt Z), pekoMOiHALIEIO KHCHEBHX aTO-
MiB (2ZO® O,+27) a0 3a 1OMOMOTOI0 BiZHOBHHKA
(R+ZO® Z+RO). V mammuimmky kucHio (B ymMoBax
CKB) mpoiiec MOKHa TIPEACTABUTH CIPOIIEHOO [BO-
MapIIpyTHOI CXEMOIO MEXaHi3My:

1) N,O+Z ® N,+ZO,

2) NJO+ZO ® N,+ O,+Z,
3) O,+2Z « 270,

4 R+Z « ZR,

5 ZR+Z0 ® 2Z+ RO

N®: N,O+R = N,+RO,
N@: 2R+ 0, = 2RO,

ne Z — aKTUBHUW IeHTp; R — BiIHOBHHK (C3H8-
C4H g abo CO).

Binpmr meranpHa cxema MexaHI3My MOXKE BKIIO-
9aTH CcTalil0 ymapHOI B3aeMoJii BITHOBHUKA 3 OKHC-
aeauM HeHTpoM (CO+ZO = CO,+Z), a TakoXK MOXK-
JMUBICTh aKTHUBAIii BYIJIeBOJHEBOTO BiIHOBHUKAa Ha
KHCIIOTHHX IEHTpaxX IICONITHHX KaTali3aTopiB, Ha-
MPUKIaJ, HOUISIXOM YTBOPEHHS CIaOKHUX BOJHEBUX
3B'sI3KIB 3 KHCIOTHHMH IIeHTpaMH bpeHcrema —
Si(OH)Al-rpynamu.

st 3'sicyBaHHSI IPUPOJIN MTOBEPXHEBHX KHCIOT-
HUX LEHTPIB OKpeMi 3pa3Ku KaTalli3aTopiB HOCIHi-
IoKeHo MeTogoM [Y-cnekTpockomii 3 BUKOPUCTaHHIM
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Puc. 4. IY-ciextpu 3paskiB micist agcopOuii mipuanHy:
1 — F9203/(35%Zr02+ 65 % HZSM-5); 2 — FE‘QOS/
[(ZrO)**-"HZSM-5]; 3 — Fe,04/[(Zr0)** - HY]; 4 — ¢omo-
BUH cHekTp xo ajxcopOuii mipuauHy.

OipUINHY SK MOJIEKYJIIpHOTro 30HIy. Ha puc. 4 npen-
craBineHo [Y-cmekTpu 3pas3kiB 3aji30BMICHHX KaTa-
J3aTOPIB Michs aacopOIii mpuauHy. ¥ crekTpax mpu-
CYTHI CMYru IOTJIMHaHHS #ona mipuaunito (1550,
16301 1640 CM_l), 110 CBIAYMTH MPO HASIBHICTH HA iX TO-
BEpXHI MPOTOHHUX KUCIOTHUX HEeHTpiB bpencrena.
CriBCTaBJICHHS JaHWX MO aKTHBHOCTI B peakili-
SX MPSAMOro po3kiaxy okcuay asory (), BiqHOBIEH-
HSl JITKUMHU BYTJICBOJTHSIMH i MOHOOKCHIOM BYTJIe-
II0, Y TOMY YHCHi B HAIIUIIKY KUCHIO, 3 KHCIIOTHUMH
BJIACTHBOCTSIMH ITOBEPXHI IICONITHUX KaTalli3aTopiB
MOKa3ye HAsSBHICTh IMEBHOI 3aJIeKHOCTi: HalaKTHB-

Taonuusg 4

Himi katanizatopu CKB N,O ByrneBonnsaMu xapak-
TEPU3YIOTHCSI CHIIBHOKHCIOTHAMHU IIEHTpamMu bpeH-
crena. 3pa3ok Ha ocHoBi H-Y, Ha moBepxHi sSKOTO
BUABJICHI TUIBKHM CI1abOKHCIII HEHTPH (3 TeMrepary-
poto nmecop6uii amiaky 220 °C), BUSBUB HHMKUY aK-
TUBHICTH (nuB. Tabm. 11 3).

ITuTaHHS PO CHUITY KHUCIOTHUX LIEHTPIB I[EOJIITIB
HY, H-ZSM-51 H-M 3anumaerscs nuckycidHum. Y
po6ori [23] 3a manumu IY-crekTpockorii cuia Kuc-
JOTHHMX LEHTPIB 1eoiTiB H-Y Habarato MeHme cuimu
B-uentpie neonitie H-ZSM-51H-M . Onnak npu Bu-
KOPHUCTaHHI {HIIMX METOMIB (BH3HAYEHHS 3HAYCHHS
¢ynknii 'ammera H) cuna kucnotHocti H-ZSM -5
BH3HaUYeHAa SK HAaHW)KYa cepell MOPIBHIOBAHUX II€0-
nitiB [24, 25]. Biu3bki pe3ynbTaT OTPUMAHO METO-
nom TIIITA B [26]. YV po6orti [27] HIXKYY IIITBHICTH
B-uentpie y H-Y -1ieostitax mosICHIOIOTH THM, IO Ti-
JBKH YaCTWHA KHCIOTHUX 1eHTpiB H-Y 3maTHa mpo-
TOHYBaTH TaKi CHJIbHI OCHOBH SIK IMIPUIUH Ta i30-
OpONUTaMiH 3 YTBOPEHHSM HOHIB MHipUAMHIO 1 ai-
KiJaMOHII0, TOOTO YacTuHA IeHTpiB y H-Y -1ieomitax
HEJIOCsDKHA ans ancopOmii. OdyeBUOHO, B-IEHTPH
H-Y He 3maTHI NpoTOHYBaTH Taki cnabKi OCHOBH, K
C5Cyankanu, 3acCTOCOBaHI HAaMH y POJI BiIXHOB-
HukiB N5O. Llum, M0oXnuBO, 0OYMOBIEHO 3HAYHO
MEHIIYy aKTHUBHICTh KaTallizaTopa Ha OcHOBI H-Y
(3pasox Fezoal[(ZrO)2+— H-Y]) y CKB N,O nponas-
OyTaHOBOIO CyMIIIIIIIIO.

Binem mu3bki (Ha 50—150°C) Temmepatypu
nocsraenus 90—94 %-i xousepcii okcuay asoty (I)
Ha Fe-BMICHMX LICONITHUX KaTalli3aTopax y peakili-
Ax foro BigHoBneHHsa C3C -amKkaHaMu, B TOMY YHCHI
3a ymoB CKB, nopisHsHO 3 peakiismu 3a ygactio CO,
00YMOBJIFOIOTHCSI aKTHBAIIE BYIJICBOAHIB-BITHOB-
HUKIB Ha CHJIBHUX KHCIOTHHX IleHTpax bpeHcrena,
30KpeMa Ha IPOTOHHHX I[EHTPaXx IICOJITIB, 3 HACTYII-

Axtusnicte Co-BmMicHHX KaTafdizaTopiB y peakuisx Bignosaenns sakucy azoty C,-, C5-C,-ankanamu ta CO
(0.5%N,0, 0.2% C3Hg-C,Hg (1% CHy), 0.5% CO, 5% O,, pemra — He, V=6000 ro;[_l)

_ X0 Ny %! T
Karanizatop

JOCSATHEHHS

°c (T5004) BT peakmifHUX cymimiei

1%N,0 B He

N,O + C4C,

N,O + CH, N,O+ C4C,+ O,

5% Co0/zr0, 90/485 (420)

10 % CoO/H-ZSM -5 90/480 (415)

* Bignosnenns N,O 3a pomomororw CO; **

90/350 (295)
84/460 (260) *
90/440 (385) —

82/490 (440)
90/520 (425) *
65/450 (430)

90/420 (350)
90/550 (450) **

BigHOBIeHHS N,O MeTaHOM B OKHCIIOBalbHiNH aTMocdepi.
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HOIO B3a€EMOJIIEI0 YTBOPEHOr'0 KapOoOHiii-iloHa 3 al-
copboBaHMM aToMapHUM KucHeM (sik 3 N O, Tak i3 Oy).

VY T1abiu. 4 HaBeJEHO /AaHi CTOCOBHO aKTHBHOCTI
KOOaIbTBMICHHX KaTali3aTOPIB y peakilii BiIHOBJICH-
Hi N,O C3-Cyankanamu ta CO. Cepen koO6anbTBMi-
CHHX KaTali3aTopiB Ha OCHOBI neHTacmry H-ZSM-51
ZrO, HalBHIy aKTUBHICT BUSIBHB KaTaizaTop 5 %
Co0/ZrO,. Ipu 1bOMY MOHOOKCH/ BYIJIEIIO OiTbII
eextuBHO BigHOBIOE N-O B niama3oHi TeMmepaTyp
200—300°C, Toni sx npu Bukopucranui CzCy
aJKaHIB BHCOKI KOHBepcii 3akucy asory (93—96 %)
NocATAOThCA NpH Temmeparypax 370—450 °C, imo-
BIpHO, 32 PaxyHOK PI3HHX MapUIPYTiB BiAHOBJICHHS,
a caMe yapHHUI MexaHi3M — y IepIIoMy Ta Iomepe-
JHS aKTUBAIlisl BIIHOBHHMKA Ha KHUCIOTHUX ILIEHTPax
KaTaii3aTopiB — y APyromMy BUIAJKax.

Jns Co-BmicHuX KartanizatopiB B ymoBax CKB
KoHBepcist okcuay a3oty (I) 3HIKYeTbCS HE TUTbKH
BinHocHO BigHOBNEHHS N,O+C3z-C,4 (CO), ane i cro-
coBHO mpsimoro poskinaxy N,O. AHamoridyHMi pe-
3yJIBTAT OMUCAHO B JIiTepaTypi Ans katamiizatopa Co-
ZSM-5 y 6inpum cknaaHiil peakuidnii cymimi (N,O
+NO+0,+H,0+CgHg) [6].

OTxe, 10JaBaHHS BiJHOBHUKA — JIETKHUX aJiKa-
HiB (C3C,) ab0 MOHOOKCHIY BYIJICLIO — CIpPHUSE
3HHKCHHIO TEMIIEPATypH NEPETBOPEHHS OKCHIY a30-
1y (I) v mpucyrsocri Fe- ta CO-BMicHHX KaTaii-
3aTOpIiB LEOJITHOI Ta IUPKOHIHOKCHIHOI OCHOBHU 32
paxyHOK MpPHIIBHIMIEHHS JIMITYI040i cTafii peaximii
po3knagy — necopOmii KHCHIO 3 MOBEPXHI KaTali-
3aTopa MUITXOM B3a€MOJIl MOJEKYIH BiTHOBHHUKA 3
OKHUCIICHHM aKTUBHUM LIEHTPOM.

VY peakiiii cyMiCHOTO BiTHOBJICHHSI OKCHJIIB a30-
1y (I) i (II) B Hagmumky kucHio (B ymoBax CKB) mpo-
nan-GyTaHOBOKO CyMilmmio Ha kaTamizaTopi Fe0qf
H-ZSM -5 konBepcis MOHOOKCHY a30Ty CKiana JiH-
me 30 %, Toai sk 3akuc asoty Ha 99 % BigHOBIIO-
€TBCS 10 30Ty, BYTJIICBOIHI IPU EOMY OKHCITIOIOTh-
cst 1o COy, cifgosi kinmekocti CO crocrepirany aume
3a BiTHOCHO HM3BKHX TemmepaTyp (< 350 °C).

Ha puc. 5 HaBeneHO TeMmIepaTypHi 3alIeXHOCTI
koHBepcii NoO B peakuii cyMiCHOTO BiTHOBIEHHS OK-
cuzis aszory (I), (II) C5Cyankanamu Ha KOOANBTBMI-
cHHX KaTamizaropax meositHol (H-ZSM-5) ta uup-
KOHIHOKCHITHOT OCHOBU. Ha#0inbIn akTHBHUM € 3pa-
30k C0O/ZrO, — npu 400 °C kouBepcis 3aKucy a3o-
Ty ckianae 83 %, MmoHooKcuay azoty — 60 %. binbmn
Bucoki kousepcii NO (78 % mpu 450 °C) mocsraoTs-
cs Ha KOOaJThbTBMICHOMY KaTalli3aTopi LEOTITHOI
ocHoBU H-ZSM-5. [1pu BiIHOBJICHHI OKCHJIB a30Ty
(I), (I1) B oxucmoBanbHiii armocdepi (N,O+NO+
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Puc. 5. Temmnepatypui 3anexnocri konsepcii N,O Ha
katanizatopax 10 % CoO/H-ZSM-5 (a), 5 % CoO/ZrO, (6)
y peakuiitnux cymimax: 1—0.5% N,O + 0.2% C4-C, (2:1);
2—05%N,0+02%C4C,+025%NO;3—1%N,0
B He, 4 — 05%N,0+02%C5;-C,+025%NO+5%
O,; 5 — xousepcis NO mna peakuitinoi cyminni 2.

+C3zC4+0,) crocrepiraeTbesi CyTTEBE MiABHILCHHS
temneparypu (ma 50 °C s CoOO/H-ZSM-5 i Gimbur
uix Ha 100 °C — s CoO/ZrO,) nocsruenns BUCO-
kux (3 80 %) xousepciii N,O y mopiBHsHHI 3 Bix-
HOBJIGHHSIM 3a BijcyTHOCTI KUCHIO (puc. 5). OueBna-
Ho, CKB N,0O B nanux ymoBax He BiOyBa€Thcs, oc-
KUIBKH CTYIIHb IEPETBOPEHHS 3aKHUCYy a30TYy B Jiama-
30Hi TemnepaTyp 400—500 °C 3nauHO HUKYMIA, HiK
y peakuii po3kinany N,O. MakcumanbHa KOHBEp-
cis NO Ha xaramizatopi COO/H-ZSM-5 cranoBuThH
60 % npu 450 °C, ms COO/ZrOz— 24 % ipu 350 °C.
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[IpuunHOI0O BiACYTHOCTI OJHOYACHOTO Ii/IBH-
menHs kousepcil oxcumie asory (I), (II) B ymoBax
CKB ByrieBoHIME €, IMOBIPHO, Pi3HI MapHIPYTH aK-
tusanii pearentis (NO i N50), 30kpema, na CoO/H -
ZSM -5 MOHOOKCHJ a30Ty aKTHUBYEThCS Ha HOHax
Co?*, B3aemoitoun 3 MOJICKYJIIPHUM KHCHEM 3 yTBO-
pennsiMm N O, (akTHBHUX iHTEpMeiaTiB N02d+) [28]:

C02+

2NO + 0, ® 2NO,.

Po3knanarounce, 3aKUC a30Ty KOHKYpPY€E 3 MoJie-
KYJISIPHUM KHCHEM 32 KaTiOHHI pelOKC-IEHTPH:

N,O® N,+ O
0, ® 20,

ajac’?

AKTHBaIlis BYTJICBOJHIB MOeE BinOyBaTHCS Ha
KHUCIIOTHUX IEHTpax Karanizatopa [22], 30kpeMa, Ha
MPOTOHHUX I[EHTPaX IEOJIITIB 1 JIOKCHIY HUPKOHIIO,
MOan(IKOBAHOTO OKCHUIAMH MMEePeXiqHux Meramis [23,
29], 3 HACTYITHOO B3aEMOJIIEI0 3 aCOPOOBAHUM aTO-
MapHUM KucHeM (yTBopeHHM sk i3 N5O, Tak i3 Oy):

H+
CHono ® (CHpu9 +0,,. ® CO,+H,0.

TaxkuM YMHOM, 3aJII30BMICHI I[€OJITHI KaTa-
mizaTopu (CTPYKTYpH MEHTACUILY, MOPECHITY, B TOMY
YUCII X KaTIOH-AeKaTIOHOBaHI GOpMHU 3 HOHOM LHP-
KOHLTY Fe203/[(ZrO)2+— H-ZSM-5)), sxi xapakrepu-
3YIOTBCSI TIOBEPXHEBUMH CHJIBHOKUCIOTHHMH IIEHTpPA-
mu (Temnepatypa necop6uii NHz Buma 3a 400 °C),
BHSIBJISIIOTH OUTBIY aKTUBHICTh y TPSIMOMY PO3KJIai
3akucy a3oTy (Bucoki konsepcii N ,0 86—96 % nocs-
raiotbess npu 500—550 °C) nopisHAHO 3 3ai30-
BMICHUMH KaTaji3aTOpaMH Ha OCHOBI ()OKa3UTY.

3’scoBaHo yMoBHM minBuiieHHs KoHBepcii N,O
10 N, y mpucyrHocti NO ta SO, Ha 3a1i30BMicHHX
[EOJITHUX KaTaji3aTopax, mo 0O0yMOBICHO B3a€EMO-
aieto NO ta SO, 3 agcopboBaHNM KHCHEM, yTBOpe-
HuM npu posknani N,O, i mojangpmoo pereHepari-
€10 aKTUBHOT'O I[EHTPY MOBEPXHI.

JonaBaHHs BiTHOBHHKA — Jerkux ankauis (Cz
C,) ab0 MOHOOKCHAY BYIJICLIO CIPHSE 3HIKCHHIO
TeMIepaTypu IepeTBOpeHHs okcuay asoty (l) 3a
paxyHOK IIPHCKOPEHHS TiMiTyrouoi cTanil peakuii pos-
KJIaly — JIecopOIlil KMCHIO 3 TOBEPXHI KaTajizaTopa
— [UIIXOM B3a€MOIII MOJICKYJIH BiTHOBHUKA 3 OKHUC-
JICHUM aKTHBHHUM I[CHTPOM.

VY peakuii CyMiCHOTO BiJTHOBJICHHS OKCH/IIB a30-
ty (I), (II) C5Cyankanamu, B TOMY YHCIi B yMOBax
CKB, B iarepsani temnepatyp 400—450 °C Ginbi
Bucoki konsepcii NO (60—78 %) nocsrarorscst Ha Ko-
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OanpTBMicHOMY, a N5O (90—95 %) — ma 3aiizo-
BMICHOMY KaTaizatopi 1eosiitHoi ocHoBu (H-ZSM -
5), 1o MoB’s3aHO 3 PI3HUMHU MapUIPyTaMH aKTHBAILIi
3aKHCY i MOHOOKCHAY a30TYy.

PE3IOME. VYcraHoBneHa cBs3b MEXIy coctaBoM Fe,
Co-comepkalux KaTalu3aTOPOB HAa OCHOBE IICOJIUTOB H
ZrO, 1 uX aKTMBHOCTBIO B PEAKIHAX PA3JIOKEHHS OKCHA
aszora (I), ero BOCCTaHOBJICHUS H COBMECTHOI'O BOCCTAHOB-
nerus N,O u NO nerkumu yriaesomoponamu. Fe-comep-
JKaIIue HEOTUTHl (CTPYKTYpPBI MEHTACHIa U MOPJACHHTA), KO-
Topeie, 1o nanHbIM TTIJ-NH,, xapakrepusyrorcs mosepx-
HOCTHBIMU CHUIBHOKUCIIOTHEIMH IIEHTPAaMH, IPOSIBISIOT 60-
JBIIYI0 aKTHBHOCTH B MPSIMOM pPa3lI0’KEHUH 3aKHCH a30Ta.
bonee Bricokas spdexTuBHoCcTh Bocctanoienus N,O Cg-
C ankanamu 1o cpapaenuio ¢ CO, B TOM 4HCIIE B YCIOBUSAX
CKB N,O (mocruxenne 90—94 %-it xousepcuu N,O npu
0oJiee HU3KUX TeMIlepaTypax) B HpHCYTCTBHH Fe-conep-
JKaIIMX IEOJIMTHBIX KaTajdn3aTopoB, 00yclIOBJIeHAa aKTHBA-
[Uei yriIeBoI0POA0B-BOCCTAHOBUTENEH HA CHIIBHBIX KUCIIO-
THBIX LeHTpax bpencrema. [Ipu coBMECTHOM BOCCTaHOB-
senun N,O u NO C4-C j-ankanamu npu 400—450 °C 6omnee
Boicokue kousepcuu N,O nocturarorcs ma Fe-comepxa-
meM, a NO — Ha Co-comepikameM KaTaau3aTope [EoJnT-
HO¥# ocHOBBI H-ZSM -5, 4t0 cBsi3aHO ¢ pa3mIuYHBIMUA MapIil-
pyTaMu akTHBAallMM 3aKUCH M MOHOOKCHJA a30Ta.

SUMMARY. A relation between the composition of
Fe-,Co-containing zeolite- and zirconia-based catalysts
and their activity in the reactions of direct decomposition
of nitrous oxide, reduction and simultaneos reduction of
N,O and NO by light hydrocarbons is established. Fe-
containing zeolites (pentasil and mordenite structure)
which are characterized by strongly acidic surface sites
in accordance with NH,-TPD data are the most active
in direct decomposition of nitrous oxide. Higher effectivity
of N,O reduction by C5;-C, alkanes, as compared with
CO, under conditions of the N,O SCR as well (930—9%4
% conversion of N,O at lower temperatures) over Fe-
containing zeolite-based catalysts, is caused by activa-
tion of hydrocarbons as reducing agents at the strongly
Bronsted acidic centers. In the simultaneous reduction of
nitrogen (1), (I1) oxides by C5-C, alkanes in the range of
400—450 °C higher conversions of N,O are achieved on
iron-containing, and NO — on cobalt-containing zeolite
(H-ZSM-5) catalysts, which is connected with different
routes of reagent activation.
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B.€. Hdiok, O.M. 3anepko, JI.M. I'pimenko, T.B. UepnsBcska, B.K. Slummupcbkuii

KATAJIZATOPH JETTIPATAIIL I30NIPONLIOBOIO CIIUPTY
HA OCHOBI XJIOPOBAHOI'O AKTUBOBAHOTI'O BYI'UULJISA

Ha ocHOBI xJI0poBaHOTO akTHBOBaHOTO Byrimis (AB) omepkaHo Ta HoCTiKeHO (i3MKO-XiMiuHi BIacCTHBOCTI 3pas-
KiB 3 S-BMiCHUMH KHCIIOTHUMH TpynamMu. BUBYEHO KaTaliTHYHI BAACTUBOCTI JaHUX 3pa3kiB y razodasuiit gerimparamii
i30MPOMIIOBOTO CHHUPTY 3 YTBOPEHHSM IPOIJIEHY Ta NPOBEIEHO NOPIBHAIBHY XapaKTepHCTHUKY IIUX CHCTEM i3
KaTaji3aTopaMH Ha OCHOBI 6pomoBaHoro AB. [TokasaHo, mo Moau(ikoBaHe aKTUBOBAHE BYT'UIIS € OLIBII IepCHeK-
THBHHM KaTali3aTOPOM JerigpaTauii i30mpomaHoidy MOPIiBHSHO 3 HPOMHUCIOBHM Karamizatopom — Al,Os.

3acTocyBaHHS BYTJICLEBUX MaTepiajiB, 30KpeMa
aktuBoBaHOTO Byriuia (AB), B karanizi 3ymoBieHo io-
r0 BEIHKOI ITHTOMOIO TOBEPXHEI0 Ta TiIPOIITHY-
HOIO CTIHKICTIO, IO JAa€ 3MOTY BUKOPHUCTOBYBaTH AB
SIK OCHOBY JUIsl HAHECEHHS KaTaJiTHYHO aKTUBHUX Me-
taniB Ta ix cmonayk [1, 2]. Bnacui karanmiTuuHi Bia-

cTuBOCTI AB BUKOPHCTOBYIOTBCS MaJlo, L0 MOB'sI3a-
HO 3 HEJOCTATHIM PO3BUTKOM METOMIB (DyHKLIOHAII-
3anii #oro moBepxHi. ToMy MEpCIEKTUBHOIO € PO3-
poOka MeToiB MOTU(IKYBaHHS MOBEPXHI aKTHBOBA-
HOTO BYTUUISL 3 METOIO CTBOPEHHsI MaTepialliB 3 pe-
T'YIbOBAHHMH BJIACTHBOCTSIMH IIOBEPXHEBOTO APy
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