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Abstract. The adsorptive quality of 1,2,4-trichlorbenzene (1,2,4,-TCB) and hydride chlorine

were investigated on the Ni/Y - ALO; and Ni / ceramzit as the catalysts of reaction
hydrodechlorination chlorbenzenes.

It was determind, that surface processed by hydrogen, capable to absorb 1,2,4,-TCB and
hydrogen chloride more, than the surface processed by nytrogen.
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Haunbonee nucKyCCHOHHBIM B TIEPHOIUYECKUX MYONHUKAIMAX OCTAETCS BOIMPOC O MEXaHHU3ME
peakiuu THAPOJCXJIOPHUPOBAHHS XIJIOPCOJEPKAIMX apOMAaTHUYECKHX COCAWHEHHH. JTO TeM Oolee
aKTyaJIbHO, YTO B 3aBHCHMOCTH OT COCTaBa KaTaJUTHUYECKOW CHCTEMBI CYIIECTBEHHO MeEHseTcs
MEXaHU3M peaKIuu ruapoaexiopupoanus [1,2].

Hccnenopanus, mpoBeneHHbIe Hamu [3,4], mOKa3ajid, YTO HAUOOJBIICH CEICKTUBHOCTHIO I10
MOHO- M JAUXJIOpOCH307aM, OOpasyrolMMKCS B pe3yibTaTe peaKiud TuaporeHonusa 1,2,4-
Tpuxiopoensona (1,2,4-TXDB) obnanaer paHee He ONMUCAHHAS KAaTaJMTUYCCKAs CHCTEMa, IJIC B KAueCTBE
HOCHTEJISl UCTIONB3YeTCs KEPaM3UT, a B KaUeCTBE aKTHBHOW MacChl — HUKEb. MeHee CelNeKTUBHBIMU MpU
3TOM OKA3aJIUCh KaTaTUTHYECKUE CHCTEMBI: KepaM3UT; HUKEIh, HAHECEHHBIN Ha OKCHJ] aTIFOMUHUS U JP.

Jiist 00BbsICHEHNSI TOTO0OHOTO MOBEICHUSI ONTUCAHHBIX KATaJUTUYECKIX CHCTEM B T€TepPOreHHO-
KaTaJIMTHYSCKON peakiuu ruaporenonnsa 1,2,4 — TXDB B Hacrosmielr pabore OBLIM H3YyYEHBI
aJIcOpOIIMOHHBIC CBOWCTBA KATaJIUTHYECKHX CHUCTEM, SBISIOIIMECS OJHOM W3 XapaKTePHCTHK HX
KaTaJUTUYECKUX CBOMCTB.

WzBecTHO, 4YTO Tmpolecc TUAPOIEXJIOPUPOBAHMSI 0€3 CYIIECTBEHHOIO AaKTHBUPOBAHHS
Bojopoaa HemoctarouHo 3¢¢exktuBeH [1]. OCHOBHBIM KOMIIOHEHTOM KaTaJIMTHYECKOW CHCTEMBI,
OTBETCTBEHHBIM 32 aJICOPOIMOHHYIO aKTHBAIMIO BOJIOPOAA, SIBISICTCS,, HAHOCUMBIA Ha HOCUTEIb,
AKTUBHbBIA KOMIIOHEHT.

B wuccnenoBaHHBIX KaTaIUTHYECKHX CHUCTEMaxX B KadyeCcTBE AKTUBHOTO KOMIIOHEHTa ObLI
WCTIONIb30BaH HUKENb, KOTOPHIN 10 MHTEHCUBHOCTH aJICOPOIIMH BOAOPO/Ia YCTYIAET Majuiaauio Ha 3-4
nopsika [5].

OnHako, WCHONB3yeMbIi HOCHTENh OKAa3bIBACT CYIICCTBEHHBIM BKJIaJ B aJICOPOIIMOHHYIO
AKTHBAITMIO BOAOPOJa aKTUBHBIM KOMIIOHEHTOM [3].

Uzyuenne agcopbumu 1,2,4-TXB u XI0puUCTOro BogOpoJa Ha Pa3IMYHBIX KAaTAIATHUYECKHX
CHCTEMax MPOBOIUIIM METOAO0M ra30aJICOPOLIMOHHON XpoMmaTorpaduu, B MHTEpBaie TemmepaTtyp 473-
673K, BecoBoro u 00beMHO-BaKyyMHOI'O METOIOB MCCIIe0Banus [7-9].

B kauecTBe KaTanm3aToOpOB HCIOIB30BAIH HUKENbCoepkKaie kepaM3uT U V-Al,Os, KoTopsie
ObUTM TIONYYEHBI METOJIOM IPOMUTKH HOCHTENEeH PpacTBOPOM HHTpaTa HUKEINs, C IMOCIeMyoIen
cymkoii npu 383K u npoxanuBanuem npu 773K B Teuenue 4 yacos.

Kepam3uT TrOTOBHUTCS ™3 TIOUHBI 3BIXCKOTO MECTOPOKACHUS, MPOKAIMBAHUEM IIPH
rocTeneHHoM noxbeme Temmnepatypsl ot 573K no 1473K B TeueHnn oHOTO yaca, BBICYIIEHHOTO MTPH
353K obpazna. [Ipu MakcuManbpHOW TeMIepaType TIANHY BBIIEP)KUBAIOT 5 MUH.

VYnaenbHasi TOBEPXHOCTh, ONpECICHHAs  HHU3KOTEMIIEpaTypHOH  ajcopOrmell  a3ora
xpomarorpapudeckum MeromoMm [6], mis kepamsuta u y-Al,O; cocraBmser 14,5 m*/r n 220 mY/r
COOTBETCTBEHHO.

ITepen wuccnenosanmem 1,2,4-TXb ¢ comepkaHmeM OCHOBHOTO KoMmrioHeHTa 96,8 %
00€3BOXKHMBAJICS METAIUTMYECKUM HATPUEM, OTTOHSIICS M TPOITyCKascs Yepe3 KOIOHKY C CHITMKATEIIEM.
XJIOpUCTBIM BOJOPOA TOJNy4Yaldu B3aUMOJEHCTBUEM COJISTHOM KHUCJIOTBI C CEpHOM M CYIIMIH
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MPOITYCKaHUEM 4epe3 KOJOHKY € XJIOPHCTHIM KanblimeM. Mcmonbzyemsiii Bogopon 061 99,0 %-oit
YHCTOTHI. B KauecTBe ra3aHOCUTENS MCTIOIB30BAIIN a30T.

[Mepen kakabIM U3MEPEHUEM CBEXKHIA afcOpOCHT 00pabaThiBajics TP 3aJaHHON TeMIlepaType
HE MEHee JIByX 4acOB B MTOTOKE T'a3aHOCUTEIIS.

Kaxymmecss TemIoThl aacopOLMU  ONMPENENSIOTCS TAHICHCOM YIJIa HAaKJIOHA MPSMbIX
3aBHCHUMOCTH Jiorapu(ma Kaxyluxcs paBHOBeCHbIX KOHcTaHT aacopbimu (k=V,/RT) or obpaTHOit
TEeMITepaTypbl aJcopOIUH.

B tabn. 1 mokazana TemriepaTypHas 3aBHCUMOCTH yjaepkuBaemoro oonrema 1,2,4-TXB nHa
KaTalM3aTopax KepaM3UTHOW OCHOBBI TPU MPEABAPUTEIBHONW aKTHBAIMKM a30ToM. Kak ciemyer u3
Tabnuiel, agcopoius 1,2,4-TXb Ha karanuzatope 15 % Ni/kepam3ut no temneparypsl 533K Beiie,
yem Ha 30 % Ni/kepamM3uT ¥ Ha Kepam3uTe O€3 HAHECCHUS HHUKEISA, TOIJIa KaK C IOBBIIICHHEM
temrepatypsl aacopomms 1,2,4-TXB na 30 % Ni/kepaM3uT, yMeHbIIaeTCs HE CTONb PE3KO, UM Ha
Jpyrux oOpasiax KaTtalin3aTopoB M CTAaHOBUTCS B 1,5 - 2 pasza Beimie. DTUM, BUIAUMO, H OOBSCHSICTCS
TOBBIIICHHBIH BBIXOJ] MPOAYKTOB yrutoTHerus Ha 30 % Ni/kepamzur [3].

Tabmuna 1. TemmeparypHas 3aBUCHMMOCTh yiepxkuBaemoro obOwsema 1,2,4-TXB Ha
KaTajau3aTopax KePaM3UTHOH OCHOBBI

Karanusarops! VY nepxxuBaembiii 00beM 1,2,4-TXB, mi/r-kaTaausaTop
473 K 503 K 533K 563 K 593 K 623 K
Kepamzur * 0,40 0,29 0,23 0,17 0,13 0,11
15 % Ni/kepam3ut * 0,52 0,37 0,27 0,18 0,12 0,09
30 % Ni/kepam3ut * 0,40 0,33 0,27 0,22 0,18 0,15
15 % Ni/kepam3ut ** 0,33 0,17 0,11 0,08 0,06 -
15 % Ni/kepam3ut *** 0,36 0,17 0,10 0,09 0,09 -

IMpumeuanue: *remneparypa axrusanuu 723 K, **remneparypa axrusauuu 653 K, ***remneparypa akrusanun 773 K.

VYnepxuBaembrii o0bem 1,2,4-TXB  kepamsutom u 30 % Ni/kepamM3uT NpPaKTHYECKH
cosragaroT npu 473K (~ 0,4 mi/r-kaTanusarop).

Kak crmemyer u3 tabm. 1, He3aBUCMMO OT TeMIIEpaTyphl aKTHBallMKW Ha Kataimu3aTope 15 %
Ni/kepaM3uT ¢ yBelIW4YeHHEM TemrepaTypbl ajcopOiuu ot 473K no 623K, yaepxuBaemblii 00beM
1,2,4-TXb ymenbinaercs. Hanbonbmiee konuuectso 1,2,4-TXb ynepxkuBaercs Ha moBepxHoctd 15 %
Ni/kepam3ut, akTuBHpoBaHHOM Tpu 723 K B Toke azora.

Junst nomyuenns nHapopmanuu mo ajncopouuu 1,2,4-TXB Ha npeaBapuTenbHO 00paboTaHHOIM
BOJIOPOJIOM HHKENb HAaHECEHHOW MOBEPXHOCTH, OBLIM MPOBEICHBI SKCIEPUMEHTHI C KaTalIN3aTOPOM
15 % Ni/kepam3uT, MPEABAPUTEINEHO TPEHUPOBAHHBIM BOJOPOJIOM IPH Pa3IMYHBIX TEMIIepaTypax.
JlaHHBIC IPUBENEHBI B TA0M. 2.

W3 Ttabn. 2 BuUIHO, 4YTO YACHbHBIA yaepkuBaemblii o0béM 1,2,4-TXB Bo3pacraer c
YBENTUYEHHEM TeMIiepatypsl o0paboTku katamuzaropa 15 % Ni/kepamsut Bomopomom. Mcxons u3
3TOT0 MOXXHO TPEIIONIOKNTh, YTO TOBBIIICHHE TEMIIEPaTypbl 00paObOTKH BOJOPOAOM MOBEPXHOCTH
katamm3atopa 15 % Ni/kepaM3UT CONPOBOXKAACTCS MOSBICHUEM OOJBIIOr0 4YHCiIa IEHTPOB
a7ICOpOLIMH.

Tabmuna 2. TemmeparypHas 3aBUCHMMOCTh yiepxuBaemoro obOwsema 1,2,4-TXb Ha
kaTamzarope 15 % Ni/kepam3ut

Temneparypa VY nepxxuBaembiii 00beM 1,2,4-TXB, mi/r-kaTaausaTop
AKTUBALINH 473 K 503 K 533K 563 K 593 K 623 K
573 K 0,80 0,75 0,70 0,68 0,67 0,66
723 K 0,38 0,64 0,68 0,70 0,72 0,73
773 K 0,32 0,62 0,70 0,72 0,73 0,75

CpaBHEHHME PE3yJIbTATOB, NPHUBEACHHBIX B Ta0ia. 1 W 2, mokas3biBaeT, 4TO MPH 00pabOTKe
karamu3aTopa 15 % Ni/kepaM3uT BomopoaoM, yaepkuBaeMbiii 00béM 1,2,4-TXDB He TONBKO BBIIIE,
yeM mpu 00pabOTKE a30TOM, HO W YBEIMYMBACTCA C POCTOM TEMIIEpaTyphbl aJCOPOIMH IPHU
Temreparypax ero obpaborku 723K u Bbimie. DTO MO3BOISET IPEANOIOKHTH, YTO IOBBIIICHUE
yaepxxuBaemoro o0wnéma 1,2,4-TXB cBsS3aHO ¢ B3aUMOJCHCTBUEM IOCICIHETO C BOJOPOIOM,
a1copOMPOBaHHBIM Ha MOBEPXHOCTH KaTaIM3aTOPA.

24 Ne 3(31), Vol.2, March 2018 http://ws-conference.com/



WORLD SCIENCE ISSN 2413-1032

[Ipu uccnenoBanunu 3aBucumoctu ajacopouuu 1,2,4-TXbB Ha katanmusarope 15 % Ni/ALOs ot
TeMIepaTypsl 00pa0OTKU KaTajau3aTopa a30TOM M OT TeMIIepaTypbl ajacopOruu (Ttadi. 3), ObUIO
YCTAQHOBJIEHO, YTO YJIENbHBIN ynepxkuBaeMbli 00béM 1,2,4-TXB Bo3pacraeT ¢ TOBBIIICHUEM
TeMIepaTypsl 00pabOTKH a30TOM, HO CHHYKAETCS C MOBBIIIICHUEM TEMIIEPATyPhl aJICOPOLIUH.

Tabmuna 3. TemmneparypHas 3aBUCHMMOCTh yiepxkuBaemoro obOwbema 1,2,4-TXB Ha
katammzatope 15 % Ni/y-Al,Os
Temneparypa Y nepxuBaembiii 00beM 1,2,4-TXB, mi/r-kaTaausatop
aKTUBAIUK 473 K 503 K 533 K 563 K 593 K 623 K
573 K 1,32 1,00 0,72 0,53 0,44 0,25
723 K 2,30 1,54 1,07 0,81 0,65 0,45
773 K 2,30 1,88 1,49 1,40 1,28 1,21

B T1abn. 4 mpuBeneHbl pe3yNnbTaThl BIHSHUS TEMIEPaTypbl O00pabOTKH KaTaln3aTOpOB B
ITOTOKE a30Ta Ha KaKyIIuecs TerioThl ancoporuu 1,2,4-TXb.

Tabnuna 4. Bnusaue TeMiiepatypbl 00pa0OTKH KaTajau3aTOPOB B IIOTOKE a30Ta Ha KaXYIIIHECs
TernoThl agcopouuu 1,2,4-TXb

Kaxcymuecst teriora aacopoiwu, kJ/Moib

Karanuzarop Temneparypa, K
573 653 723 773
15 % Ni/kepam3ur - 42,66 £4,2 38,23 +3.,7 4946 £4.5
15 %Ni/y-Al,O; 20,78 + 2,0 - 25,48 +2,2 14,46 + 1,5

Tor ¢akr, uro mpm axkTuBanuu Kataiamzatopa 15 %Ni/kepaM3uT a30ToM MUHUMAaIbHAS
Kaxymascs Temiora ancoporuu  1,2,4-TXB  coorBerctByer Temmeparype 723K u  paBHa
38,2 xJI>/Mob, B TO BpeMsi, Kak MPH aKTUBAIIMK KaTaku3aTopa BOJIOPOAOM 1pH Temneparype 723K u
773K kaxyimecss TEIUIOTHI afcopOnuMy ONM3KH K HYIO, a yiepkuBaemble o0bEéMbI 1,2,4-TXB
3HAYUTENILHO  OOJIbIE, [O3BOJSICT  MPEANONOKHTh, YTO Katanmuzarop 15 %Ni/kepam3ur,
00paboTaHHBIN BOAOPOJIOM, HMEET OOJIbIIIEE YUCIO IIEHTPOB aJICOPOIMH MPU MEHbBILEH UX CHIIE, YTO
HaXOJIUTCS B XOPOIIIEM COTIIACOBAHHOCTHU C JaHHBIMU HUCCIIENOBaHUS [9].

Ananuzupyst Tabn. 1 - 4, MOXKHO BHJIETh, HACKOJILKO OOJIbIIIE aacopOupyIomias CrocoOHOCTh
kartamm3atopa 15 %Ni/Al,O; no cpaBHeHuio ¢ katamuszatopoM 15 %Ni/kepam3ut. 3aKOHOMEPHOE
CHIW)KEHHE TIPH ITOM KaXKyLIMXCs TEIUIOT aJCOpOIMH YKa3blBaeT Ha TO, YTO BEPOSITHEE BCErO 3TO
CBSI3aHO C OOJIBIIUM YHCIIOM IIEHTPOB aICOPOIIMH OHMKECHHOM CHIIBI.

Upe3BbIYaliHO BBICOKAs aJCcOpOHMpyroIias CHocoOHOCTh Kartaiam3aTopa 15 % Ni/ALO;, a
CIeOBATENbHO, M OOJblas KaTaJUTHYeCKass aKTHBHOCTb €ro M CIIOCOOCTBYET CHIDKCHHUIO
CENIEKTHBHOCTH peakiuu rumaponaexiopupoBanus 1,2,4-TXb mo mMoHoxmopOeH30y, Kak MOKas3au
uccienoBanus [3,4].

B cBsi3M ¢ TeM, YTO TP MPOBEICHUH T'MIPOACXIOPUPOBAHUS XJIOPOCH30I0B 00Pa3yIOIIHIACs
XJIOPUCTBIA  BOAOPOJ, MOXET WrpaTh HEMAaJOBXKHYIO pOJIb B MPOTEKAHHM IMpoiecca, ObLIo
HCCIIEIOBAHO €ro aJCcopOIMOHHO-TIECOPOIIMOHHAs CIIOCOOHOCTh HA TIOBEPXHOCTH Katanmu3atopa 15 %
Ni/kepaM3urT.

KonmudecTBo XJIOpHCTOro BOAOPOJIA, YACPKUBAEMOT0 KAaTaIM3aTOPOM Ha OCHOBE Kepam3HuTa,
MOKa3aHo B Tab. 5.

Tabnuia 5. 3aBUCUMOCTh yIEpKHBAEMOro 0o0beMa XJIOPUCTOrO BOAOPOJA OT TeMIEpaTypbl
azicopOIMu Ha Katanu3zarope 15 % Ni/kepaM3ut

AKTHBALWS Y nepxuBaemsiii 00beM 1,2,4-TXB, mi/r-kaTaausatop
423 K 473 K 523 K 573 K 623 K
A3zorom 8,7 5,5 1,75 2,51 2,10
Bogopogom 11,5 8,75 7,01 5,12 4,93
ITpumedanue: Temneparypa akrupanun 723 K
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W3 npuBeneHHBIX JaHHBIX CIENYET, YTO C YBEIWYCHUEM TeMIepaTyphl, Kak mpu oOpaboTke
MOBEPXHOCTH KaTaju3aTopa BOJOPOJIOM, TaK M a30TOM, aJCcOpOIUs XJOPUCTOrO BOIOPOJA
yMmeHbiaercs. OHAKO MOBEPXHOCTh, TMPEABAPUTENBLHO 00paboTaHHAsh BOJOPOJOM, YACPKHBAECT
OoJIBIIIE XJIOPHUCTOrO BOJIOPOJA, YEM MOBEPXHOCTh, 00paboTaHHast a30ToM. C POCTOM TeMIIEpaTyphl
COOTHOIIICHHUE, yaepKkuBaeMbix 00beMoB HCl moBepxHOCTBIO, 00pa0OTaHHON BOJOPOAOM M a30TOM,
pacTer, 4TO BEpPOSITHO, TOBOPHT O MTPOYHOM B3aMMOCHCTBUH XJIOPUCTOTO BOJIOPO/A C TOBEPXHOCTHIO,
o0paboraHHOi BomopoaoM. [Ipu 3TOM, Teriora aacopOlUy XJIOPUCTOrO BOAOPOA Ha MOBEPXHOCTHU
KaTajau3aTopa, 00pa0OTaHHOH a30TOM, ITOYTH B JiBa pa3a OoJibIle, 4eM Ha 00pabOTaHHON BOIOPOIOM.
DTO CBHICTENLCTBYET O BBICOKOW CHIIC, HO MEHBIIEMY KOJMYECTBY LIEHTPOB, aJCOPOUPYIOLIMX
XJIOPHCTBINA BOJIOPOJT HA MTOBEPXHOCTH KaTannu3aTopa, 00paboTaHHOH a30TOM.

[Tpo4yHOCTh aACOPOIMU XJIOPUCTOIO BOJOPOJAa HA aKTHBHBIX IIEHTpax KaTajmusatopa 15 %
Ni/kepaM3uT, BEpOSTHO, U SBISIETCS MPUYMHON MPOTEKaHMsI Mpoliecca TUaApoaexaopupoBanus 1,2,4-
TXb ¢ HanboJbIIEH CEICKTUBHOCTRIO IO MOHOXJIOPOCH301Y, YeM 110 OeH3omy [3].
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