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METO]1 3A EJHOBPEMEHHO OTCTPAHSBAHE HA A30THM
OKUCU U PAMICKU T'A3 OT I'A30B IIOTOK CBbIAbPXAI
A30THU OKMCU U PAVICKM T'A3

M3oGpemenuemo ce omHacsi go Memog 3a egHoBpeMeHHo
omcmpansBane na azomuu okucu (NO,) u paiicku 2a3 (N,O) om 2a3oB
nomok cbgbpkau, azomuu okucu u paiicku 2a3. B moBa onucanue

asomuume okucu (NO,) ca pasbupa ce NO, NO, u cmec om NO u NO,.

Li u Armor [Appl. Catal. B3, 55-60, 1993] onucBam Co-ZSM-
5-kamaausupano egnoBpemenno pasaazane wa NO u N,O B npucbecmBuemo
HA MEmMaH uAU nponaH u Kucaopog:

2NO + CH, + O, » N, + 2H,0 + CO,

2N,O - 2N, + O,

Omkpumo e, ue Bonpeku ue NO Bce owe ce npeBpbwia ¢
Bucoka cmenen na kouBepcusi npu Hucka memnepamypa, CmeneHma Ha
npeBpbwane na N,O uamaasBa usBegnwvk npu no-hucka memnepamypa.
Omkpumo e, ue memnepamypa B o6xBama om 450 °C go 500 °C e
neobxoguma 3a Bucoka cmenen na npeBpowane na N,O (Buk Li u
Armor: mabauua 1). OcBen moBa, omkpumo e, ye cmenenma Ha
npeBpbwane Ha NO e no-Bucoka ko2amo ce usnoasBa uucm kucaopog
Bmecmo N,O kamo kucaopogen usmounuk (Bwk Li u Armor: mabauua
2). Om gpyea cmpana, pegykuusima na N,O npogbakaBa no-masko
OAazonpusimHo koz2amo npuckemBam u gBeme BewecmBa mMeman u
kucaopog (Buk Li u Armor: mabauya 3). Tlo-Bucokume cmenenu na
npeBpbuiane ce nocmuzam npu 500 °C; npu masu memnepamypa ce
npeBpowam 97 % om N,O u camo 30 % om NO. Tosu memog uma
negocmambka, ue memnepamypHus o6xBam B koilimo cmabBa npuemauBa

onBepeust 1 gBama otuea NO u N,O ¢ ommocumeano mecen. B



konBepcust na gBama okuca NO u N,O e omuocumeaxo mecen. B
gonbAHEHUE mMAasu meMnepamypa € omuocumeAaHo Bucoka (450-500 °C).
OcBen moBa, gocmaBsnemo na kucaopog uma uszogen epekm (no-Bucoka
cmenen Ha npeBpbwane Ha NO), HO cbwo Hebrazonpusimen edekm (no-

nucka cmenen Ha npeBpbwane na N,O).

Kogel u gp. [Catal. Lett. 51, 23-25, 1998] onucBam Fe-MFI-
kamaausupano egHoBpemenno pasaazase va NO u N,O B npucbecmBuemo
Ha nponad u kucaopog. Omkpumo e, ye Bonpeku ue NO Bce owe ce
npeBpbwa ¢ Bucoka cmened na konBepcust npu nucka memnepamypa,
cmenenma Ha npeBpovwane na N,O namaasBa usBegubXk npu no-nucka
memnepamypa (Buk Kogel u gp.: ¢uaypa 2): makcumasnama cmeneH Ha
npeBpbwane na NO (40 %) ce gocmuza npu 300 °C u npu masu
memnepamypa cmenedma Ha npeBpouwiane na N,O e npubausumeaHo camo
5%. OcBen moBa, nekeaanus CO ce obGpasyBa kamo cmpanuuen
npogykm. OGaue, mo3u negocmambk Moxke ga Obge omcmpanen ako ce
usnoasBa Pt-akmuBupan Fe-MFI (okucasiBane na CO go CQO,). ObGaue,
moBa uma HeOaazonpusimeH epekm Bbpxy cmenenume Ha npeBpbuiane Ha
NO u N,O (Bwk Kogel u gp.: ¢ueypa 3). Bvamokna kombunauust na
mo3u Bug kamaausamop ¢ kamaauzamopa onucan om Li u Armor e
neoueBugna nouexke, inter alia, onmumMaAHume memMnepamypu ca MHO20

pasauunu (300 °C u 450-500 °C, cvomBemno).

Perez-Ramirez u gp. [Appl. Catal. B, 25, 191-203, 2000]
onucBam gBycaoiiHa kamaausamophHa cucmema npegHasHauyeHa 3a
omcmpansiBanemo Ha azomuu okucu (NO u NO,) om 2a3o8 nomok. B
nbpBust eman npeBpbvwanemo Ha NO, cmaBa ¢ noMowa na kamaausamop
Pt/AC B npucecmBuemo ua nponex kamo pegyuupaw, azenm. ['aaBuusim
Hegocmambk Ha makbB kamasuzamop e, ue no Bpeme na npeBpbuianemo

na NO cmaBa o6pazyBane na paiicku 2az kamo 2aaBua peakuus. RamoBa



Perez-Ramirez u gp. cbwo uscaegBam gaau mosu obGpasyBan paiicku 2a3
moke ga 6bge edpekmuBuo npeBopuam B asom u kucaopog B8 Bmopu
eman B npuchcmBuemo na nponen kamo ce usnoasBa Fe-ZSM-5. Obaue,
usnoasBanemo Ha mesu gBa kamaausamopu uma negocmambka, ue ce
usnoasBam gBa peakmopa noueke onmumaAsHume memnepamyphu 06xBamu
3a gBama kamaauzamopa ca paszgaseyeHu €gun om gpye (P/AC:
onmumasnama memnepamypa e npubausumeano 200 °C; Fe-ZSM-5: >
430°C; Buk cvbwo Perez-Ramirez u gp. : ¢ueypa 10). Micmuna e, ue
Heo6xoguMama memnepamypa 3a kamaauzamopa Fe-ZSM-5 moke ga 6nge
nonukena B nskakBa cmenen upe3 gocmaBsine Ha JONbAHUMEAEH NPONEH
BbB Bmopus peakmop (npogykmuBuus nomok om nbpBusi peakmop ne 3a
gba2o cbgbpka nsikakbB nponen: Buk cmpanuua 197, koaonama om
asiBama cmpana, Bmopu napazpad; koeamo ce gocmabBu nponen B
peakmopa cbgbpkaw, Fe-ZSM-5 ce omkpuBa no-Bucoka cmenen na
npeBpbwane na N,O; Buk cmpanuua 199, koaonama om gsicHama CmpaHa,

Bmopu napacpad), HO HE C gOCMAamb4YHO Hucka ueHa.

Pegykuusima na N,O ¢ nomowa Ha nacumed BozaeBogopog u
Fe-zeoaumen kamaauzamop e onucana 8 WO 99/49954. Tlpegnouumanama
memnepamypa npu kosimo mosu kamaausamop npeBpbwia N,O e nog
350°C. Humo e onucaHo, Humo nogckazano, ye mo3u kamaausamop moxke
ga 6bge usnoasBan 3aegno ¢ gpyz kamaauzamop 3a egHoBpeMeHHO

omcmpansiBane na asomuu okucu (NO u NO,) u N,O.

IMpeBpbwanemo na NO, ¢ usnoasBanemo Ha, inter alia, Co-
3e0aumoB kamaauzamop e onucano 8 US 5149 512. Tam ce pasdbupa, ue
NO, e cmec om Haii-maako gBa azommuu okucu, BkalouBawu paiicku 2a3
(Buk, nanpumep, koaona 3, pegoBe 55-59 u koaona 4, pegobBe 44-48).

O6aue, ¢akmbm ue B mosu namenm ne ce uznoasBa NO, ce omuacs go



N,O e nomBupgen upe3 no-kbcHama nybaukauust na Li u Armor B8 Appl
Catal. B 3, 1993, na cmpanuua 56. Ekcnepumenmume nokasBam
npeBpbuwianusi camo Ha NO u nenpeBpbwianust na N,O. US 5149 512 ne
onucBa kamezopuuno gaau maknB kamaausamop e cnocobed ga pegyuupa
paiicku 2a3. Haii-go6pume cmenenu na npeBpouwiane ce noaysaBam npu
450 °C (Bwk US 5 149 512: mabauua 2). Kombunauusi om mo3su kobaamoB
kamaauszamop 3a npeBpowane na NO ¢, Hanpumep, 2opecnomenamust
’keaesen kamaauzamop 3a npeBpbuwane na N,O , na 0azama Ha
onucasume gaHHu, gaBa kamaausamopha komOunauus cbc cbBeem
pasAudHU pabomHu memnepamypu 32 pasAudHume npeBpbwanus (< 350 °C
u 450 °C, cbomBemno) u Beposmno gaBa cmenenu na npeBpbwane 3a NO,
koumo ca cbwo Hucku. Vnuugenmno, na 6Gasama na mosu namenm (US
5149 512) naii-go6pe 6u 6uso ga ce usbepe pogueB kamaausamop 3a
npeBpbwane na NO (Buk US 5 149 512: mabauyu 1, 2, 5, 8u 9, om
koumo 6u Moz2A0 ga ce pasbepe, ye B npucbcmBuemo na CH, u O,
pogueBusm kamaausamop gaBa cmened na npeBpowane 55 %, cpabunena
cbomBemno ¢ 26, 34, 27 u 34 %).

KomM6unauust om upugueB kamaauzamop u naamuxoB

kamaauzamop e onucasa 8 US 5997 830).

B US 5524432 e onucana kamaaumuuHa pegykuusi na
azomen okuc (mosu mepmun BkalouBa paiicku 2as; Buk US 5524 432:
koaona 5, pegoBe 12-15) kbgemo ce usnoasBa pegyuupauy azenm kotimo
cogbpka Meman (Buk US 5524 432: npemenuwt | u koaona 4, pegoBe
47-56). CnomenaBa ce, 4e npegumMcmBomo Ha mMoO3u MEMOg € ue He ce
usuckBa amounsik (Buk npumep 11, pegoBe 19-21). Kamasumuunama
pegykuusi e nocaegBana om kamaaumuuHO OKUCAEHUE HA OCIAMbBUHUSE

meman BbB Buhaaepogen gByokuc u Boga. Kamaausamopbm kotimo ce



()

u3znoa3Ba 3a kamaaumuunama pegykuusi BkalouBa kpucmasen 3eosum ¢
Si/Al npu cvomnoweHue 2.5 uau noBeue u 3eoAum cbgbpkaw, kobaamoBu,
nukeaoBu, keae3nu, xpomHu ufuau MaznezueBu kamuonu (Bwk koaona 4,
pegoBe 37-46). Co-ZSM-5 e kamezopudHO Onuca 8 npumep 5. Obaue, om
US 5 524 432 kBaauduuupanusim cneyuaaucm om odAacmma He Hay4aBa

ye kamaauzamopbm € nogxogsiwi 3a pegykuusima na palicku 2as.

[leama Ha HACMOSIWOMO uU300pemeHue € ga ce OomecmpaHsm
Hegocmambuume OnuCanu no-zope. 3amoBa uzobpemeHuemo ce omuacst go
Memog 3a egHoBpeMenno omcmpausiBase Ha azomuu okucu u paticku 2a3
om 2a308 nomok cbgbpkaw, azomuu okucu u paiicku 2a3, kbgemo ca
u3noasBanu nwpBu kamaauzamop koiimo cvgbpka kobaam u, kamo
HOCUMEA, Heop2aHudeH Memaaen okuc, u Bmopu kamaauzamop kolimo

cbgbpka keas30 u, kamo HocumeA, HEOP2aHUYEH MEMAACH okuc.

Omkpumo e, ue usnoa3Bane Ha cneyuduuna
nocaegoBameasocm (1. kobaam-cbgbpkauw, kamasuzamop, 2. keaszo-
cbgbpkau, kamaauzamop) om kamaauzamopu gaBa no-godpu pesyamamu
om, nanpumep, cMec om gBama kamaauzamopa uau gpyea
nocaegoBameanocm. 3amoBa usobpemenuemo, B yacmnocm, Cobwo ce
omuacsi go Memog 3a egHoBpemenno omcmpausiBane Ha azomuu okucu u
paiicku 2a3 om 2a308 nomok cbgbpkauw, azomuu okucu u paticku 2as3,
kbvgemo :

(a) 2azoBusm nomok cbgbpkauwy asomnu okucu u paticku 2a3
BsaumogelicmByBa ¢ pegyuupaw, za3, kamo pegyuupawusi 2as BkalouBa
nacumen BweaeBogopog, B npuckemBuemo Ha nbpBu kamaausamop kotimo
cbgbpka kobaam u, kamo HOCumeEA, HEOP2ZAHUMEH MCMAACH okuc,

(b) 2asvobpasnusim npogykm om eman () BzaumogeticmByBa

¢ pegyuupauwy 2a3, kamo pegyuupauusi 2as BkalouBa nacumeu



BvaaeBogopog, B npucbemBuemo Ha Bmopu kamaauzamop koiimo cbgbpka
keasizo u, kamo Hocumea, HEOpP2aHUYEH MEMAACH okuc.

TIpeguvcmBo Ha HacmMOAWOMO uszobpemeHue €, 4e
eguoBpemennomo omcmpansiBane Ha a3omHu okucu u paiicku 2a3 moxke
epekmuBuo ga cmane B wupok memnepamypeH uumepBaa. [pyzo
npegumcmBo Ha HACMOSWOMO u3oOpemenue e, ue Bucoku cmenenu Ha
npeBpbwane Mozam ga 6bgam nocmuzHamu npu nucku memnepamypu,
gake npu cayuast ¢ Bucoku GHSV (gas hourly space velocities)
cmoiinocmu. OcBen moBa, He e HeoGxogumo ga ce gocmabs
gonbAHUMEAHO pegyuupau, 2a3 B eman (b). OcBen moBa, gBama emanu
(a) u (b) Mozam ga Obgam u3NbAHEHU B egun, muii kamo ue
cowecmByBa neobxogumocm ga ce 3azpsiba uau oxaakga 2a3a mekgy
emanu (a) u (b). M3noasBanemo B eman (a) na kamaauzamop koiimo
cbgbpka kobaam u, kamo Hocumea, HEOp2ZaHUMCH MEMAAEH okuc uma

npegumcmBomo, ue ce noaydabBa gonmbAHUMEAHO N,O.

(ITbpBusim) kamaauzamop usnoasBan B eman (a) e 3a
npegnovyumane ko6aamoB kamaauzamop, kolimo e onucay 8 US 5149512
u koiimo e BvBegen myk upes uumupane. Kaszano e, ue mosu
kamaAuzamop € 3a npegnouumane kpucmasen 3eoAum koiimo uma
cbomuowenue cuAuKOH : aAyMunuil 2.5 UAU NO-20ASIMO, 3€0AUMBM OU MO2bA
ga ce 3amecmu ¢ edekmuBuo koauuecmBo kobaamoB kamuon, 3a
npegnouumane Co®" . CneuuaAHo, 3eoAumbm Ou MO2bA ga ce 3aMecmu C
0.1 go 15% (m/m) kamuon, basupanu cnpsimo 06wWoOmMo mezA0 Ha

3aMecmeHust 3€0AUML.

Cb2AaCHO u300pemeHuemo, CAeg zamecmBanemo ¢ kobaam,
seoaumbm Moke caeg moBa cbwo ga Gbge 3amecmeH € NpudAUIUMEAHO
0.01 go 2.0 % (m/m) gONbAHUMEAEH MEMaA, fasupanu cnpsiMo  06WOMO

mezA0 Ha 3aMecmedust 3eCAum, kamo cnoMenamusi gonbAHUMEAEH MEMAA



e mMemaa om mpemusi nepuog Ha 2pynu 5 go 11 B8 Tlepuoguunama
cucmeMa Ha eAeMeHmume. 3aMeHeHusim 3€0Aum, ocBen moBa, 6u Mo2bA
ga 6bge umnpeanupan ¢ 0.01 go 15% (m/m), B wacmuocm 0.1 go 8.0 %
(m/m), 6asupanu cnpamMo OGWOMO MEZAO HA UMNPEZHUPAHUL, 3aMecmeH
3e0AUM, C AHUOHEH UAU HeympaaeH Mamepuaa kolimo cbgbpka memaa om

epyna 5, 6, 7 uau 11 na Ilepuoguunama cucmema Ha eAeMEeHmume.

(Bmopume) kamaauzamopu u3noasBanu B eman (b) ca 3a
npegnoyumase mesu koumo ca onucasu 8 WO 99/49954 uNL A 1012983
u koumo ca BbBegenu myk upes uumupaune. Kazano e, 4e mosu
kamaAuzamop e 3a npegnouumase kpucmaaen seoaum kotimo uma
cvomuowenue SiO, : ALO; no-maako om 100, 3a npegnouumane no-maako
om 65 u B uacmuocm no-maako om uau paBuo Ha 40, ue 3eoaumem Ou
MozbA ga ce 3amecmu c epekmuBuo koauuecmBo om >keaezen kamuon, 3a
npegnovumane Fe* . 3a npegnouyumane 3eoAumbm € Haii-MaAko wacmuHo
samecmen ¢ (NH,),Fe(SO,),.6H,0. Tlpegnouuman Bapuanm Ha
kamaausamopa u3noasBan B eman (b) e Fe-ZSM-5. Kamaausamopbm
wnoasBan B eman (b) cbwo moke ga 6bge akmuBupan kamaausamop,
kamaauzamopbm ce akmuBupa ¢ egun uau noBeue 6A220pOgHU MEMAAU,
6Aa20POgHUSM MeMmaa 3a Npegnovumase € pymenut, poguli, naaagud,
3A2MO UAU NAAMuHA. 3a npegnouumane ce usnoasBa akmuBupan c

nasaguii Fe-ZSM-5 kamaau3amop.

Ipegnoaumanu Bapuanmu Ha 3e0AUMHU HOCUMEAU BkalouBam
BugoBeme MOR u MFI. 3eoaumume mozam ga obgam u3noa3Banu B
nampueBa, kaaueBa, amonueBa usu Bogopogna ¢opma. 3eoaumsbm,
npomuBonoaokno HamoBapenust ioH U CbwO CHOMHOWEHUEMO Si/Al mozam
ga 6bgam nogxogsuio u3dpaHu om kBaaupuyupanusi cneuuasucm B

o6aacmma. ToBa e onucano, inter aliaq, 8 cmangapmuu paspabomku 3a



seosumu u cbwo B US 5149512 u WO 99/49954 u onpegeaeH Opoli
gpy2u uumupanu gokymenmu.

Cvaaacno usobpemenuemo emanume (a) u (b) ce usbepwBam
B egun peakmop, gBama kamaausamopa ce uznoazBam B cepuu nogpegeHu

B caoeBe.

3a npegnouumane pegyuupawjusi 2a3 ¢ MemaH, Nponax,
npupogen 2a3, n-6yman usu LPG (kbgemo LPG e cmec cbgbpkawa
nponad u Gyman). MoAapHOmMO CbOMHOWEHUE Ha gobaBenust pegyuupau
a2eHm NO OmMHOWeHUe Ha cymama om Konuewmpauuume ha paiicku 2a3 u

asomnu okucu e 0.1 go 100 u 3a npegnouumane 0.1 go 20.

Memogbm Cb2AaCHO U3oOpemeHuemo, 3a npegnovumate ce
usBbpwBa npu memnepamypa om 150 °C go 700°C u B wacmuocm om
250 °C go 600 °C. Hassizanemo, 3a npegnouumate, ¢ 1 go 50 bar absolute

(bara) u B yacmnocm 1 go 15 bar absolute.

M306pemenuemo cbulo ce omHacs go kamaauzamopua
cucmema 3a egnoBpemenno omcmpansiBane na azomnu okucu u paticku 2a3
om 2a308 nomok cbgvpkaw, azomuu okucu u pailicku 2as nocpegcmBom
pegyuupaw, azeum, kosimo kamaausamopha cucmema BkalouBa nupBu u

Bmopu kamasuzamop kakmo e onucano no-eope.
Kamaauzamophama cucmema moke ga Gbge usnoasBana 3a
obpabomBanemo Ha omnagbunu asoBe om uncmasauusi 3a a3omHa

kuceauna.

Kpamko onucanue na ¢ueypume



@ue. 1: MpeBpbwane na NO, upes kamaauzamop 1 (Co-ZSM-
5), kamaauzamop 11 (Fe-ZSM-5) u cepuiina kombunauust om gBama.

Duz. 2: MpeBpowane na N,O upes kamaauzamop 1 (Co-ZSM-
5), kamaauzamop 11 (Fe-ZSM-5) u cepuiina kombunauus om gBama.

Que. 3: IpeBpvwane na NO, upe3 kamasuzamop I (Co-ZSM-
5) u kamaauzamop III (Pd-Fe-ZSM-5) kakmo cmec u ceputina kombunauusi.

Que. 4: TpeBpovwane na N,O upe3 kamaauzamop I (Co-ZSM-
5) u kamaausamop III (Pd-Fe-ZSM-5) kakmo cmec u cepulina koMbunauust.

(ue. 5: IMpeBpbwane na NO, u N,O upes cmudupan
kamaauzamoped caoli om kamaausamop IV (III(Co-Pd-MOR) u III(Pd-Fe-
ZSM-5) kamo ce usnoa3Ba CH, kamo pegyuupaw, 2as.

ITpumepu

Kamaauzamopu

IMpumep 1

3eoaum 3amecmeH ¢ kob6aam ce noayyaBa upes 3amecmBaue
na 100 g Na-ZSM-5 (Alsi Penta SN 27, uscywen 3a 24 uaca npu 125 °C)
¢ pasmBop na 29.2 g Co(NO;),.6H,0O (Merck) 8 3 aumpa Boga 3a 24
yaca npu 80 °C. Caeg moBa kamaauzamopbm ce npomuBa c Boga,
uscywaBa ce u ce kaauunupa 3a 5 uaca npu 550 °C. Kamaauzamopbm e

sapeged ¢ 2.7 % (m/m) kobaam.
IMpumep 2
3eoaum 3aMecmeH ¢ keasizo ce noayuaBa upes gobaBsine Ha

100 g NH,-ZSM-5 npax (Alsi Penta SM 27, uscywen 3a 24 vaca npu 125
°C) kvv pazmBop na 38.9 g (NH,),Fe(S0,),.6H,0 (Merck) 8 3 aumpa
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Boga. Caeg moBa cmaBa iionoobmen 3a 24 uaca npu 80 °C. Caeg
npomuBane ¢ Boga, kamasuzsamopbm ce uscywaBa 3a 16 uaca npu 80 °C
u ce kaayunupa 3a 5 uaca npu 550 °C. Kamaausamopbm e 3apegeH ¢ 23

% (m/m) Xkeanso.
[Tpumep 3

AkmuBupan kamaauzamop ce noay4aBa upe3 umnpezHupaHe Ha
100 g kamaauzamop cbeaaco npumep 2 ¢ 3.1 g pasmBop na Pd(NO3),
(10 % (m/m) B azomna kuceauna, Aldrich) B omekomena Boga maka, ue
nopume Ha MamepuaiHama 0asza ca NPeuusHoO 3aNbAHEHU (maka
HapeueHomo “HauasHo ymokpswo umnpeznupane”). Konuenmpauusma na
6aazopoguust Memas npeguecmBenuk ce nazaacsiBa maka, ye meaaoBrus
npouenm Ha Pd 0.15 ga ce 6asupa na OOWOMO ME2AO HA NOAYYCHUS
kamaausamop. Hakpasi kamaausamopbm ce cywu 16 uaca npu 80 °C u ce
kaauunupa B npogvakenue na 5 waca npu 550 °C. Kamaauzamopbm €

sapegen ¢ 2.7 % (m/m) keasizo u 0.15 % (m/m) naaguii. |
MN3caegBane na anapamypa

BzaumogeiicmBuemo #a NO, NO, u N,O ¢ nponau ce
uscaegBa B aBmomamusupaHo nomouHo ycmpoicmBo. BeBekgam ce
2azoBeme N, , Bw3gyx, NO, NO,, N,O u nponan u napuuasnume
naasteanusi (Buk mabauua 2) ce koumpoaupam nocpegcmBom kasudpupanu
ynpaBasBawu ycmpoticmBa 3a koausecmBomo Ha nomoka (Brooks).
Bogama ce go6aBst upe3 ynpaBasBawo ycmpoticmBo Liquiflow u
konmpoaupan usnapumeaen cmecumea (Bronkhorst). Anaau3 na
usxogstwume 2azoBe ce ocvwecmBsiBa nocpegcmBom kaaubpupan
cnekmpogomomemnvp FTIR (Elsag, Bailey, Hartmann & Braun, mogea MB

100). Kamaauzamopume ce nnecoBam 2a ga obpasyBam mebaerka,



cMuaam ce u ce npecsiBam. Kamaauzamopnume yacmuyu ca B peakmop
om nepvkgaema cmomana. I'azoBeme ce nponyckam npe3 npegBapumeano
3agpsm cekmop npegu ga Baesam B konmakm c kamaauzamopa.
Temnepamypama ce usmepBa nocpegcmBom mepmogBoiiku na Bxoghust
omBop u Ha u3xogHusi omBop Ha kamaAu3amopHOMO A€2A0.
Temnepamypama na Bxoghus omBop Ha kamaAuzamopHOMO A€2A0 €
gagena B pesyamamume om uscaegBanemo. Haasizanemo B uscaegBanomo
ycmpoiicmBo moke ga 6bge om 1 go 5 bar absolute (bara). I'azoBusm

Hocumea B npumepume e N,.

[Mpumep 4

B mesu ekcnepuMmeHmu ca ONpegeA€HU CMENEHUME Ha
npeBpbvwane Ha NO, NO, u N,O upes cmudupan caoll Ha caegHume
kamaauzamopu: eman (a) Co-ZSM-5 cbzaaco npumep 1 (kamaausamop I)

u eman (b) Fe-ZSM-5 cbeaacno npumep 2 (kamaauzamop II).

VcaoBusma ca gagenu B mabauua 1, 2a3oBume cvbecmaBu B

mabauua 2 u cmeneHume Ha npeBpbwane B mabauua 3.

Tabauuya 1

Obem 10 ml
ITomok 5 /min
GHSV 30000 Vh
p 1 bara
Tabauua 2

N,O 1500 ppm |H,O 05 %
NO 500 ppm (O, 25 %
NQO, 0 pom |CH, 1500 pom
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M3xoguusm mamepuas B8 Bcuuku uscaegBanus e 2azoBama
cmec B mabauua 2 (ocBen ako e uzaokeno gpyzo). MacaegBanus cowo ce
ocbuwecmBsiBam kamo ce usnoasBa cmec om NO u NO, Bmecmo NO

kamo u3xogen Mamepuaa. ITpu me3u uscaegBanust ce noayuwaBam cpaBnumu

pe3yamamu.

Tabauua 3
kamaaus3. II I I+ 1I
kam. caoii 10 ml 10 ml 10 + 10 mi
T (°C) N,O (%) NO, (%) | N,O (%) NO, (%) | N,O (%) NO, (%)
280 18 46 0 3 39 58
309 66 47 0 15 86 62
338 90 39 1 44 98 72
368 98 30 9 88 100 94
399 100 23 59 99 100 100
431 100 17 85 99 100 98
462 100 13 96 95 100 94
491 100 11 99 88 100 88

Pesyamamume B mabauya 3 ca nokasanu 2pa¢uuHo Ha
dueypu 1 u 2, om koumo e sicho, ue egnoBpemenno edekmuBro
npeBpbwane na NO, u N,O e Bvamokno camo ¢ kamasusamopnama

komOunauusi.

[Ipumep 5

Bwu3mokno € ga ce usnoas3Bam kodaamoBume u keaesnume

kamaausamopu kamo cmec. CpaBaumeaen npumep € gaged no-goay B

kotimo cmenesume na npeBoowane na NO, u MO, B neakmen 8 koiimo




kamaauzamopume npucbcmBam kamo cmec, ca cpaBHumMu CbC cmenenume
Ha npeBpvwane upe3 cmudupan caoli Ha kamasuzamopHama cucmemMa om
Hacmosuomo usobpemenue. YcaoBusima ca gagenu 8 mabauua 4 u
pesyamamume om u3scaegBanemo ca nokasanu B mabauua 5. B
ekcnepumerma ca u3noasBanu 2azoBama cmec om mabauuya 2 u
kamaauzamopume I (Co-ZSM-5 cveaacso npumep 1) u III (Pd-Fe-ZSM-5

cb2Aacho npumep 3) .

Tabauuya 4

Obem 12.5 ml

ITomok 5 l/min

GHSV 24000 1/h

p 4 bara

Tabauua 5

I 2.5 ml
111 10 ml
Kon¢ueypauusa Cmec Cmu¢
T (°C) N,O (%) NO, (%) N,O (%) NO (%)

210 0 34 0 34
235 0 53 1 55
265 36 80 57 67
297 78 71 82 56
325 93 63 95 59
353 99 56 99 81
382 100 50 100 91
410 100 43 100 93
440 100 38 100 93
469 100 36 100 92

500 | 00 37 100 90
: L ; }




Pesyamamume om uscaegBanemo om mabauua 5 ca nokasaHu
na ¢ueypu 3 u 4. Moke ga ce pasdbepe om mesu pesyamamu, ue
npeBpvwanemo na N,O npu mesu ycaoBusi e uszoguo 3a cmud
konduaypauusima, cneyuaaHo npu no-sucku memnepamypu. [TpeBpowanemo
wa NO, nokasBa cbwecmBena pasauka. [lpubausumeano go Hag 250 °C
cmenenma na npeBpbwane na NO, 3a cmecma ce yBeauuaBa c
yBeauuaBane na memnepamypama; Hag masu memnepamypa CmeneHma Ha
npeBpobuiane na NO, HamaaaBa. TTvano npeBpbuiane e HeBb3mokno kamo
ce uznoasBa cmec om Co u Fe kamaauzamopu. MzuenagBawo,
kondueypauusma cmu¢ npu mesu ycaoBust gaBa gelicmBumeAno NbAHO

npuBpbiane npubausumesno nag 380 °C.

[pumep 6

B mo3u npumep ca cpaBuenu pasauunu nocaegoBameanocmu
om kamaauzamopu I u II (Bwk npumep 4). YcaoBusima ca gagenu B
mabauua 6 u pesyamamume B maGauua 7. I'az0Busm cbemaB e kakmo B
npumep 4. Moke sicno ga ce pasbepe om mabauya 7, ye MHO20 no-godpu
pesyamamu ce noayuaBam c nocaegoBameanocmma I-1I, koemo moke ga

ce Bugu B yacmuocm om cmenesma Ha npeBpbuiane Ha NO;, .

Tabauua 6

Obem 0.3 ml
TTomok 0.15 l/min
GHSV 30000 V/h

p 1 bara




Tabauuya 7

I 0.15 ml II 0.15 ml
II 0.15 ml I 0.15 ml
T (°C) N,O (%)| NO, (%) N,O (%) |NO, (%)
300 6 29 3 29
320 23 38 16 40
340 63 47 52 56
359 88 48 82 64
378 98 67 95 60
396 100 88 100 53
414 99 93 100 41
433 98 92 100 26
451 87 99 100 16
489 99 94 100 6
[Tpumep 7

B mo3u npumep e onpegeaeH epekmbm om gobaBsuemo Ha
kamaausamop III Bvpxy konuenmpauusima na CO. Kamaausamop III e

kamaauzamop II ¢ 0.15% (m/m) Pd cbeaacHo npumep 3.

Moke ga ce pasbepe, ue 3amecmBane na noaoBusama om
kamaauzamop II ¢ kamaausamop III Bogu go 3nayumeana pegykuusi na
emucusma Ha CO (Buk mabauua 8 3a ycaoBusma u mabauua 9 3a
pesyamamume). Cmenenma Ha npeBpbuane na NO, u N,O e
nebAazonpusimuo 3aceznama om gobaBsmemo na kamaausamop III.

['azoBusim cbecmaB e kakmo B npumep 4.
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Tabauua 8

Obem 20 ml
ITomok 5 min
GHSV 15000 I/h
p 1  bara
Tabauya 9
Kam. I 10ml I 10ml
II 10 ml I 5ml
115 ml
Emucust [TpeBpowane Emucust IIpeBpowane
TCC)| CO | GHg| N, O | NO, | CO | GHg | NO NO,
opm) | pm) | (%) | (%) | (ppm) | (ppm) | (%) | (%)
288 1588 561 39 58 111 494 48 54
316 1799 254 86 62 78 206 88 59
345 1816 159 98 72 61 106 99 73
375 1540 59 100 94 43 42 100 88
407 714 4 100 100 28 6 100 96
437 284 0 100 98 17 0 100 96
466 147 0 100 94 11 0 100 92
495 114 0 100 88 7 0 100 87
IIpumep 8

B mosu npumep e nokasauo, ue kamo ce u3noasba
komOunauusima om kamaauzamopu I u III ca Bb3moknu cmenenu Ha
npeBpbwane va NO, u N,O Ge3 nebaazonpusimuo obpasyBane na CO. B
mo3u npumep ¢ nokasaHo cbwo, 4e Bucoku cmenenu Ha npeBpouiate Ha

NO. 1t N.O ca Bramoknn cne ckopocmypo noae koemo e afvkpamuo no-
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Bucoko (30000 h™' Bmecmo 15000 h'). YcaoBusma u pesyamamume ca

gagenu, cbomBemno, B mabauuu 10 u 11. T'azoBusm cvcmaB e kakmo B

npumep 4.
Tabauua 10
Obem 10 mi
ITomok 5 Vmin
GHSV 30000 /h
p 4  bara
Tadauua 11
Kam. I 5 ml I5ml
IT 25 ml I 5 ml
II 2.5 ml
T (°C) N2O (%)| NOy (%) N2O (%)| NO, (%)
288 54 67 57 57
316 82 72 85 77
345 94 82 86 97
375 97 88 87 99
407 99 90 95 99
437 100 90 100 98
466 100 88 100 95
495 100 86 100 91
ITpumep 9

B mosu npumep e onpegeaen edpekma om HaAsI2aHEmO.
Omkpumo e, ue noBeue NO, u N,O ce npeBpvwiam npu no-Bucoko
naasreane. E¢ekmbpm 3a NO, e noBeue noguepman npu Hucka

memnepamypa. Emucwima na CO 2 po-ymanka nme no-Buenkn nasapnue
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YcaoBusima ca peslomupanu B8 mabauua 12 u pesyamamume B mabauua

13. IazoBusim cbemaB e kakmo B npumep 4.

Tabauua 12
I 10ml Obem 20 ml
I 5 mi ITomok 5 Vmin
I 5ml GHSV 15000 ¥/h
p 1go 4 bara
Tabauva 13
Haa. 1 bara 2 bara 4 bara
T(®)|CO [N,O(%) | NO(%)| CO N,O(%)| NO(%)|CO [N,O(%)|NO,(%)
____|(ppm) (ppm) (ppm
288 | 111 | 48 54 69 72 68 22 81 82
316 | 78 | 88 59 23 95 67 13 98 89
451 61 | 9 73 17 100 78 10 100 97
3751 43 | 100 88 12 100 90 8 100 99
407 | 28 | 100 96 7 100 96 7 100 99
4371 17 | 100 96 4 100 96 5 100 98
466 | 11 | 100 92 4 100 94 4 100 96
4951 7 100 87 4 100 90 3 100 93

ITpumep 10

B mo3u npumep e onucanwa peakuusima kbgemo 3a Co
kamaausamop ce usbupa mopgesumoB nocumea Bmecmo Hocumeaa ZSM-5
(Buk npumep 1). Meman cbwo ce usdbupa BMecmo nponan (Buk mabauua
2). 3a masu peakuus nopBo ce noayuaBa kamaausamop IV, Co-mopgenum,

ype3 umnpeznupase Ha 5 g MOR (Mopgenum om Zeolyst CBV 21A) ¢
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1 g Co(NO;),.6H,0 B pasmBop (ebcmoma 1.34 g/ml). Kamaausamopbm ce
akmuBupa ¢ maako koauuecmBo Pd (0.37 % (m/m) Pd). Kpaiinama
konuenmpauusi na Co e 2.2 % (m/m).

Kakmo e onucano no-zope, usznoa3Ba ce peakmop cbgbpkaw
cmudupan caoli, nbpBusim kamaauzamop B mosu npumep e kamaausamopa
Co-Pd-MOR (kamaauzamop IV) u Bmopusim kamaauzamop e
kamaauzamopa Pd-Fe-ZSM-5 om npumep 3 (kamaauzamop III).
VcaoBusma ca gagenu B mabauuya 14. TazoBuam cbemaB e nokasan 8

mabauua 15.

Tabauua 14

Obem 30 ml

TTomok 5 Vmin

GHSV 10000 t/h

p 4  bara

Tabauua 15
N,O 1500 ppm H,0 0.5 %
NO 500 ppm 0, 25%
NO, O ppm CH, 2500 ppm

Pesyamamume om uscaegBanemo ca gagenu B mabauua 16 u

uszoOpasenu 2paduuHo Ha Queypa 5.



20

Tabauua 16
v 15 ml
11 15 ml
TCC) |[NO(%) NO(%)

290 20 i

317 27 8

345 45 33
374 71 76
404 91 97
433 96 96
463 92 100

Om me3u gansu Moxke ga ce pasbepe, ue Bucoku cmenenu Ha
npeBpobuiane go geticmbumeano 3aBupuienu npeBpbwanusi Mozam Cbwo ga

fbgam nocmuzsamu ¢ meman B wupok memnepamypen unmepBaa.



3

21

MMATEHTHM NMPETEHIIUA

1. Memog 3a egnoBpemenno omcmpansiBane Ha azomuu okucu
u paiicku 2a3 om 2a308 nomok cbgbpkaw, azomuu okucu u paiicku 2as,
kbgemo ce uznoasBam nbpBu kamaausamop, koiimo cbgepka kobaam u,
kamo HOCUMEA, HEOpP2aHUYEH MEMAACH okuc, u Bmopu kamaauzamop

koiimo cbgbpka keasi30 u, kamo HOCumEA, HEOP2AHUYEH MEMAACH okuc.

2. Memog cbeaacHo npemenuusi 1, kegemo:

(a) 2a30Busim nomok cbgbpkaw, asomuu okucu u paticku 2a3
BsaumogeiicmByBa ¢ pegyuupaw, 2as, kamo pegyyupawusi 2a3 BkalouBa
nacumen BveaeBogopog, B npuckcmBuemo na nvpBu kamaausamop,

(b) 2a3006pasnusim npogykm om eman (a) BzaumogeiicmByBa
c pegyuupauy 2a3, kamo pegyuupauusi 2a3 BkalouBa nacumen

BveaeBogopog, B npucbcmBuemo na Bmopu kamaausamop.

3. Memog cbzaaco npemenuusi 1 uau 2, kbgemo emanu (a) u

(b) ce usBopwBam B eguu peakmop.

4. Memog cbeaacHo egua om npegwecmBauwume npemeduuu,

kbgemo HeopeaHUYHUsE mMemaseH okuc e 3eoAum.

5. Memog Cb2AacHO egHa om npegwecmBaujume npemenuuu,
kbgemo pegyuupaujus 2a3 € MemaH, nponaH, npupogen 2as, n-0yman uau
LPG.

6. Memog cbz2aacHo npemenuusi 4, kbgemo Hocumeasim 3a
mopBust kamaauzamop € kpucmasen 3eoaum B koilimo cbomuouleHUEMO

cuaukoH : aaymunuii € 2.5 uau noBeue.
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7. Memog cb2aacHo npemenuusi 4, kegemo HocumeAsim 3a
Bmopust kamaausamop e kpucmaaen seoAum B kolimo cbOomHOWEHUEMO
SiO,: ALO; e no-maako om 100, 3a npegnouumane no maako om 65 u B

yacmuocm no-maako uau paBuo ua 40.

8. Memog cb2aacHO egHa om npeguiecmBawume npemenuuu,

kbgemo Bmopust kamaauzamop obxBawa akmuBupan kamaauzamop.

9. Memog cb2aacho npemenuusi 8, kbgemo akmuBupanus

kamaauzamop e akmuBupan ¢ Pt, Pd, Ru, Au uau Rh.

10. Kamaausamopna cucmema 3a egHOBpeMeHHO
omcmpansiBane Ha asomuu okucu u paiicku 2a3 om 2a3o8 nomok
cbgbpkawy asomuu okucu u paiicku 2a3 nocpegcmBoM pegyuupauwy 2as,
kbgemo kamaauzamopsama cucmema Cbgbpxka nbpBu kamaausamop,
koiimo BkalouBa ko6aam u, kamo Hocumea, HeopzaHuueH MemaseH okuc, u
u cbgbpka Bmopu kamaauzamop koiimo BkalouBa Xkeaszo u, kamo

HOCUmMeA, HEOp2aHu4yeH MEMAACH okuc.

11. KamaauzamopHa cucmema Cb2A2CHO npemeHuusi 10,

kbgemo kamaauzamopume npuchcmBam Ha cepuu B egun peakmop.

12. Kamaauzamopsa cucmema Cb2aacho npemenuusi 10 uau 11,

kbgemo HeOop2aHu4HUs MEMAACH okuc € 3eoAum.

13. KamaAuzamopha cucmeMa Cb2AacHO €gHa om npemenuuu
10- 12, kbgemo Hocumeasi 3a nbpBusi kamaausamop e kpucmasen 3eosum

B kolimo cbomuoweruemo cuauko : aaymuHuii € 2.5 uau noBeuve.
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14. KamaAu3amopHa Cucmema Cb2AaCHO €gHa om npemeHuuu
10 - 13, kbgemo HOcumeasi 3a Bmopust kamaauzamop e kpucmaaen 3eosum
B koiimo ceomuowenuemo SiO,: Al O; e no-masko om 100, 3a

npegnovumase no Maako om 65 u B yacmuocm no-maako uau paBuo na 40.

15. KamaauzamopHa cucmeMa Cb2AaCHO €gHa om npemesuuu

10-14, kbgemo Bmopusi kamaauzamop ooxBawa akmuBupan kamaausamop.

16. KamaauzamopHa cucmema Cb2AaCHO npemeHuusd 15,

kbgemo akmuBupanusi kamaauszamop e akmuBupanu ¢ Pt, Pd, Ru, Auuau Rh.

17. 3noa3Bane na kamasuzamopHama cucmemMa Cb2aaCHO
egua om npemenyuu 10-16 3a obpabomBanemo Ha omnagb4Hu 2azoBe om

uHCMaAauus 3a asomsa kuceauna.
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