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B nanHoi1 paboTe CMHTE3MPOBAaHbI MaTEPUaJbl HA OCHOBE ITpadUTONONO0OHOrO HUTpUAa yraepona g-CsNy
METOJIOM TepMHUYECKOI 00pabOTKM CMeCH MeJlaMUHA M MOYEBUHBI U UCCIIEAOBAHO BIUSIHUE YCIOBUI CUH-
Te3a Ha POTOKATATUTUYECKYIO AKTUBHOCTh OOPAa31I0B B 3aBUCHMOCTH OT COOTHOIIIEHUST MeJIaMUH/MOUYEBU -
Ha. B KauecTBe cokaranusaTopa Ha TOBEPXHOCTb CUHTE3UPOBaHHBIX 00pa3LoB g-Cs N, HaHOCWIN TUIaTUHY
(1 mac. %). IomyyeHHbIe (hOTOKATATM3ATOPHI OXapaKTePU30BaHbl METOJAMM PEHTTeHO(a30BOro aHAJIN3A,
crieKTpockonuu nuddysHoro orpaxkeHus B YDP- u BUAMMOM auamna3oHe, HU3KOTeMITepaTypHOIt ancop6-
1uu azota. GoToKATAUTUTUYECKYIO aKTUBHOCTD OMIPEAEIsIM B peaKIIuy BblAeJIeHUSI BOJOPOaa U3 BOTHO-
ro pactsopa TpusTaHosaMuHa (10 06. %) pu 06IyYeHUY BUAUMBIM cBeTOM (A = 425 nm). HaiineHs! omn-
TUMaJIbHBIE YCIOBUS cuHTe3a (poTokaranusaropa 1% Pt/g-C;N,, OIy4eHHOTo MpoKaJuBaHUEM CMECHU
MeJaMMHa U MoueBUHBI (1 : 3), IpM MCHOJB30BaHUM KOTOPOTO CKOPOCThb BbiAesieHus H, cocraBuna
5.0 Mmonb 1! y! ¢ KaxyIeiicss KBaHTOBOI 3(hGEKTUBHOCTEIO 2.5%. Pa3paGoTaHHBI CHHTETUYECKUIL
MOIXO/ MO3BOJISIET MOJIy4YaTh BBICOKOAKTUBHbBIE KaTaIu3aTophl Oy1arogapsi 00pa3oBaHUIO B ITPOLIECCE CUH-
Te3a MPOMEKYTOYHOTO CYIPaMOJIEKYISIPHOTO KOMILJIEKCa MeJIaMUH—IIMaHypoBasl KUCJIOTa, KOTOPBIii P
JanbHeIeM HarpeBaHuu npespaiaercs B g-C3;Ny, XapaKTepu3yIoLuiics BBICOKUM 3HAaY€HUEM YAETbHOMN

MOBEPXHOCTH, Mpesbinaonmm 100 M2 rL.
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BBEAEHUE

B mocaenHue rogbl B MUpe HAOMIOOAETCS YCTOI-
yuBasi TCHASHLMS K YBEJIUUCHUIO SHEPronoTpeodie-
HUS U POCTY SMUCCUHU YIJIEKUCIIOTO Ta3a, B CBSI3U C
YeM OCTPO CTOUT BOIIPOC TTOMCKA HOBBIX BKOJOTUYEC-
CKM YMCTBIX MICTOYHUKOB SHEPIUU M HOBBIX SHEPTeTH~
yeckux ctpareruii [1, 2]. OcoOblii UHTEpeC MpeacTaB-
JISIOT TEXHOJIOTUM BO30OHOBISIEMBIX HMCTOUHUKOB
SHEPTUH, BKIIIOYAIOIINE COJIHEUYHYIO SHEPTETUKY, 1C-
MOJIb30BaHUEe OMOMAcChl, a TAaKXXe DHEPrUM BeTpa,
MPUJINBOB U OTIUBOB. DGGEKTUBHBEIM CIIOCOOOM
TpaHC(hOpMalIMM COJHEYHON 3HEPrUM B DHEPTUIO
XUMUUYECKUX CBSI3€ MOXKET CITYKUTh (DOTOKATAIUTH -
YyecKoe ToJlydeHUe BOAOPOoa ITyTeM pa3IoKeHUs BO-
IIbI I BOOHBIX paCTBOPOB Pa3IMUHBIX BellecTB [3—8].

" Hnemumym kamanusza um. I K. Bopeckoea
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630090 Hosocubupck, Poccus
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Bomopon sBisieTcsi BBICOKORHEPIETUYECKUM U
DKOJIOTMYECKM YMCTHIM TOIUIMBOM, €IMHCTBEHHBIM
MIPOAYKTOM CrOpaHMsI KOTOPOIo SIBJIsieTcsT Bona. Ta-
KMM 00pa3oM, MCIIOJIb30BaHUE BOOOPOIA II03BOJISICT
B 3HAYUTEJIbHOM CTENEHU NMPOJABUHYThHCS B pELLIECHUU
Mpo0OJIeMbl BEIOpOCa IMTAPHUKOBBIX Ta30B 1 3arpsi3HE-
Husa atMocdeps! [9, 10]. CooTBeTCTBEHHO, OTHOM 13
aKkTyaJlbHEUIIMX 3a7a4 B 00JIaCTU aJbTepHATUBHOM
SHEPreTUKU SIBJISICTCSI pa3paboTKa HOBBIX METOIOB U
TeXHOoJ0ruii nmonydyenus Bomopopa [11]. dorokara-
JIN3ATOp NOJIYyYeHUSI BOOOPOIA JOJKEH COOTBETCTBO -
BaTh TaKMM TpeOOBaHUSIM, KaK BHICOKasl KBAHTOBAs
3¢ HEeKTUBHOCTH 1 CTAOMIBHOCTD B 1IEJIEBOM ITpPOIIeC-
ce, HETOKCUYHOCTb, HM3Kasi CTOMMOCTh. Ocobo ak-
TyaJIbHBIM BOIIPOCOM SIBJIsIeTCSI pa3paboTka (hoToKa-
TaIU3aTOPOB, aKTUBHBIX IIOI IEMCTBUEM BUIMMOIO
cBeta [12].

I'padpuTONIOOOOHBINM HUTPUL YITIEPOJa OTHOCUTCS
K TIOJyIIPOBOTHUKAM #-TUIIA U TIPUBIEKAET K cebe
ocoboe BHMMaHMe KaK (poToKaTajm3aTop 13-3a yHU-
KaJIbHBIX ONTUYECKUX, DJICKTPUYECKUX, CTPYKTYp-
HBIX U (pUBUKO-XUMUIECKNX cBOMCTB [13—15]. Brrep-
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Puc. 1. CxemaTudeckoe uzo0paxeHue 30HHOM CTPYKTY-
pbI rpaduTononooHoro HuTpuaa yriaepona (HBD — Hop-
MaJIbHbII BOIOPOIHbIN 3JieKTpon, B3 — BajieHTHast 30Ha,
3I1 — 30Ha mpoBOoAMMOCTH, TDA — TPUATAaHOJIAMUH).

Bble g-C;IN, ObLUT UCMOJIB30BaH B KauecTBe (hoToKaTa-
mm3atopa B 2009 1. m c Tex IIOp KOJMYECTBO
WCCJIEIOBAaHUM, TTIOCBSIIIEHHBIX JTaHHOMY MaTepuay,
HEYKJIOHHO pacteT [16]. CpaBHUTEIBHO y3Kas I~
puHAa 3arpeleHHol 30HH (~2.7 3B), momxonsiiee
MOJI0KEHUE BAJIECHTHOM 30HbI M 30HBI ITIPOBOIMMOCTH
MMO3BOJISTIOT MCIIOJIb30BaTh IPahUTONOAOOHBIA HUT-
pun yriiepoia B KadecTBe (poToKaTanu3aTopa, B TOM
yucJie B TIpoliecce IMoaydeHus Bomopopa [17, 18]
(puc. 1). Kpome Toro, rpadputonogoOHbIA HUTPUL
yriiepona SIBISIETCSI HETOKCMYHBIM — MaTepHajioM,
XUMWYCCKN WM TepMUIeCKH cTabmiIbHBIM [15]. Tpa-
nauuuoHHo g-C;N, mojyyaloT mOpoKaluBaHUEM
a30TCOIepKaIIUX MPEAIIeCTBEHHUKOB, TaKMX KaK
IUIIMaHOIuaMuA, LIMaHaMUI, a TakkKe IPOU3BOMHBIX
TUPO3MHA, MOYEBUHBI U TMOMOYEBUHBI, ITpu 500—
600°C Ha Bo3ayxe WM B aTMOC(depe MHEPTHOTO rasa
[19—21]. OgHako nIpuMeHeHNEe JaHHBIX MaTepHuaaoB
OTPAHUYEHO W3-3a HU3KUX 3HAYECHUIN YIETbHON
IMMOBEPXHOCTHU, a TaKKe OBICTpOl peKOMOMHAIUN
BJIEKTPOH-IBIPpOYHBIX map [17, 22]. CaegoBaTenb-
HO, TIOMCK HOBBIX CHUHTETUUYECKUX MOIAXOIOB IS
MOJIyYeHHsI BBHICOKOAKTUBHOIO I'PaUTOII0J00HOTO
HUTpUIA yriepoaa sBJISIETCS aKTyalbHOM 3agadeit Ha
CEeTOIHSIIHUN IeHb.

st ynyuimeHus1 GyHKIIMOHAJIBHBIX CBOMCTB Ipa-
GUTOMMOAOOHOTO HUTPUAA YIJepoJa HNPUMEHSIOT
pa3JInyHbIE CTpaTeruu: U3MeHEeHre IIIUPUHBI 3a1pe-
IIEHHOI 30HKI ITyTeM BBEICHMSI HOHOB METAJIOB [23]
1 HEMeTaJJIOB [24]; KOHTpOJUpyeMOe BBeACHME Jic-
¢dexToB, a UMEHHO, CO3IaHue a30THBIX BaKaHCHUii
[25]; co3naHne BBICOKOIIOPUCTHIX MaTepUaioB C I10-
MOIIIbIO BBEACHUS PA3IMUHBIX TEMILJIATOB, TAKUX KaK
Al,O4 [25], CaCO; [27]; HaHECEHME HA TOBEPXHOCTh
METAJUIOB IJIST co3maHus 3(ddeKTa IMoBEepXHOCTHOTO
niaa3sMoOHHOro pe3oHaHca [28]. Kpome Toro, omHUM
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W3 BO3MOXHBIX METONOB yBeIWIeHUs (hOoTOKaTaTM-
TUYECKOM AaKTUBHOCTHU SIBJISIETCS CEHCUOWIU3AIINS
noBepxHocTU g-C;N, KBAaHTOBBIMU TOYKAMU, TaKU-
mu kKak CdSe, PbS, 1 opranndecKuMm KpacUTeJISIMU —
METUJIEHOBBIM CUHUM, pogaMuHoM b u ap. [29].

TexHosiorust MoJIeKyJISIpHOM COOpPKU paccMaTpu-
BaeTcs Kak 3 MOEKTUBHBIN ITOIX0I K CUHTE3y Tpadu-
TOIMOJOOHOTO HUTPKA YIJIepo/ia, KOTOPbI OTJIMYAET-
CsI BBICOKOM aKTUBHOCTBIO B peakliuy (poToKaTaIuTh-
YEeCKOro BblaeseHus Bogopoaa. CyrpamMoneKyasipHbIi
KOMIIJIEKC MeJlaMUH—IMaHypoBasi kuciaora (MIIK),
COCTOSIIIIMI M3 MeJlaMWHA U LIMaHYPOBOU KUCJIOTHI,
COCTMHEHHBIX BogopomHbIMU cBsI3IMU (N—H:"N n
N—H---O), obpa3syeTcs Ipu MPOKAUTMBAHUU CMECHU
MeJlaMWH/MOUYEeBUHA NIPU TemIieparype okoio 400°C
[30]. bnaromapst ¢opmupoBanuio MUK mnpu manb-
HelilleM MpOKaJUBaHUM MPOUCXOAUT OOpa3oBaHUE
nopucroro matepuaia g-C;N,, xapakTepusyoliero-
Csl BBICOKMM 3Hauy€HMEM IUIOIIAAM YAEJbHON MOo-
BepxHocTU. [Ipu 3TOM MOpP(DOIOTHI0 MOJy4aeMOTo
MaTepuajga MOXHO KOHTPOJMPOBaTb W3MEHEHUEM
rnapamMeTpoB CUHTE3a, TAKMX KaK TeMIiepaTypa oopa-
OOTKM, PacTBOPUTENb, a30TCOACPXKAIIUKN Mpeale-
CTBEHHUK U T.1. [17].

Lenbio HacTosIel pabOTHI SIBJISIJICS CUHTE3 Tpa-
¢uTOnOOOOHOTO HUTPHUIA yIJepoda METOAOM Tep-
MIYECKOI 00pabOTKM cMeCcH MeJJaMITHA 1 MOYEBUHBI
U UCCieJ0OBaHMEe BIMSHUS YCIOBUIA cMHTe3a Ha (po-
TOKATAJIUTUUECKYIO aKTUBHOCTH OOpa3lioB B peak-
1 0O0pa3oBaHUs BOAOPOAA M3 BOMHBIX PACTBOPOB
TpuaTaHojaMuHa (TOA). TOA, KOTOPBIA UCTIOIB3Y-
€TCSI IS OYMCTKU Ia30B OT CEPOBOAOPOIA U YIIIEKIC-
JIOTO rasa, SIBJsIeTCS TPadUulIMOHHBIM CYOCTPaTOM IJIsI
¢doToKaTaIuTUIECKOTO BbleeHUs Bogopoaa [31].

MATEPHAJIbBI 1 METO/IbI

Cunmes pomoxkamanuzamopoé TIPOBOAWIN C WC-
MMOJIb30BAHUEM CIIEAYIOIINX PEAKTUBOB: MEJIaMWH,
99% (Sigma-Aldrich, CIIIA), mouyeBrnHa, 99% (Acros
organics, beabrus), pustanonamut, 98% (AO “ba-
3a Ne 1 XumpeaktuBoB”, Poccus) H,PtCl,, 99%
(Aypat, Poccust), NaBH,, 98% (Acros organics,
benbrus).

Cunmes cepuu 06pa3yoé epaghumonodobHo2o Hum-
puda yeaepoda g-C;N,. O6pa3ibl TOTOBUJIN COTJIACHO
clenymolleit MeToIuKe: TUTeb ¢ HABECKOM Heo0Xo-
JUMOTO KOJIMYECTBA MeJlaMUHAa U MOYEBUHBI TTIOMeE-
I B My(QelbHYIO0 TMedb C TepMOIpOrpaMMUupye-
MbIM HarpeBoM. Harpesanu B TeueHue 1 4 mo 550°C
co ckopocteio 10°C MuH™!, a 3areM BBLIEPXKUBAIU
pu 3agaHHoOM Temneparype 2 4. [ToaydeHHBII Xe-
TBII TTOPOIIIOK OCTYXKaJIu 10 KOMHATHOI TeMIlepary-
pul. CuHTe3upyeMbie 00pa3nbl 0003HAaYeHbI ab0pe-
Buatypoii CN (X:Y), roe X:Y — MaccoBoe OTHOIIIEHHE
MejJlaMMHa U MOYEBUHBI COOTBETCTBEeHHO. CUHTE3U -
poBaJiu 00pa3libl C OTHOIIEHUEM MEJIAMUH : MOUEBU -
Ha=1:5,1:3,1:2,1:1,5:1. BxadecrBe obpasiia
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CpaBHEHUSI OBLI IIPUTOTOBJICH TpadUTOIIOTOOHEBIMN
HuTpun yriaepona g-C;N, METOIOM MpPOKaJWBaHUS
MeJlaMMHa COTJIaCHO BBIIIEOIMMCAHHOMN CXeMe CUHTe-
3a 1 o6o3HaueH kak CN (1:0).

Hanecenue naamunsr Ha TIOBEpPXHOCTH 00Opa3lioB
rpaduronogodHoro HuTpuaa yriaepoaa g-C;N,, no-
JIYYEHHOTO COTIJIACHO METOAUKE, ONMMCAHHOI BbIIIIE,
MPOBOAMIU METOJIOM XMMUYECKOTO BOCCTAHOBJIEHU S
H,PtCl; Goprunpuaom Hatpusi. B cmecr 300 wmr
g-C;N, B 5—7 MJI IUCTWIMPOBAHHOM BOABI IO Karl-
JsaMm nobasnsiin 304 mxit 0.05 M pactBopa H,PtCly,
nepemeliuBanu B TeueHue 1 4. K moiayyeHHo# cyc-
TEH3UU NPWIMBAIU ABYKpaTHbIA 1M30bITOK 0.05 M
pactBop NaBH, u mnepememmBanyd B Te4yeHUE
yaca. OcanoK NMpoMbIBaJld IUCTUIMPOBAHHON BO-
noit 4 pasza, cymmiau npu temneparype 50°C B Teye-
Hue |1 4. TakuMm oOpazoM TOJyYaIu KaTaau3aTophl
cocraBa 1 mac. % Pt/g-C;N,. g poTokaTaam3aro-
pOB (haKkTUYECKOE COJIep>KaHUE TIAaTUHBI KOHTPOJIU -
poBanu metonoM ADC ¢ UCII (aToMHO 5MUCCUOH-
HOM CIIEKTPOCKOMWU C WHAYKTUBHO CBSI3aHHOM
mia3moit) (iICAP-6500, Thermo Scientific, CIIIA),
OTKJIOHEHUE OT 3JI0OXKEHHOTO 3HAYCHMST He TPEeBbI-
mrao 5%. O6pasibl MOTYyIeHHBIX (hOTOKATATN3aTO-
poB ob6o3HaueHbl Kak Pt-CN (X:Y).

H3zyuenue puzuko-xumuueckux ceolicme oopas3uyos

Das3zoeblil cocmas NCCIeayeMbIX MaTEpUAJIOB U3y~
YaJI C TIOMOIIbIO pEHTreHO(ha30BOro aHAIM3a HA U -
¢pakromerpe Bruker D8 (Bruker, I'epmanus) ¢ uc-
nosb3oBaHueM CuK -uznydyeHusi. Yroj 260 Bapbupo-
Bamu oT 20° go 70° ¢ marom ckaHupoBaHwus 0.05°.
TouHBIiT COCTAaB CHHTE3UPYEMBIX KaTaJM3aTOPOB,
KOHCTAHTHl pELIeTKH, pasMep KPUCTAJUIMTOB pac-
CUMTHLIBAIY C IPUMEHEHUEM IIPOrpaMMHOIo obecre-
yeHuss TOPAS.

Texcmypuole xapakmepucmuku o0Opa3lioB HCCIIe-
JIOBaJI1I METOJIOM BBLICOKOTEMIIEpPATYpHOIl amcopo-
nuu azota. Mzotepmsel ancopouuu N, U3Mepsuid Ha
npubope Autosorb-iQ (Quantachrome, CIIIA).
OJIeKTPOHHBIE CITEKTPbI TUMDPY3HOTO OTpAKEHUST CUH-
Te3UpPyeMbIX KaTaJln3aTOPOB PETMCTPUPOBAIN IIpU
KOMHAaTHOM Temmeparype B nuana3oHe 450—850 Hm ¢
pazpemeHureM 0.5 HM ¢ TOMOIIBIO CITIEKTPOPOTOMET -
pa Shimadzu UV-2501 PC ¢ npucraBkoii mjis nud-
¢y3Horo orpaxkenus ISR-240A. Jlng ompenencHus
LIIUPUHBI 3aIPElIeHHONW 30HbI UCCAeAyeMbIX (DOTO-
KaTaJIn3aTOPOB CIIEKTPHI OTPaKeHUS ObLIN IIEpeCUr-
TaHBI B KoopauHaTel Kyboenkn—MyHKa ciieyronimm
obpazom:

=l
F(R) :W’ (1)

e R — koaddunmeHT otpaxenus, %. ONTUYECKYIO
IMIUPUHY 3aIIPeIIeHHONW 30HbBI OIIEHUBAIM B KOOPIH-

JOKJIAIBI POCCUMCKOW AKAJTEMUU HAYK. XUMUS, HAVKU O MATEPHAJIAX

6

Puc. 2. Cxema ycTaHOBKU IS (hOTOKATATUTUIECKOTO
BBbIIEJICHUsT Bogopona: I — peakTop LMIMHIPUYECKOMN
dopmbl, 2 — LED-ucrounuxk (A = 425 HMm), 3 — Mardur-
Hasl Melnaika, 4 — MarHMTHBIN MelaJIbHUK, 5 — KBaplie-
BO€ OKOIIIKO, 6 — IIPOGOOTOOPHUK.

Hatax Tayka Ha ocHOBaHUU rpadukKa 3aBUCUMOCTH
(F(R)-E)'? ot E (E = hv, tie h — 4acToTa U3JIy4eHUs],
v — nocrostHHas [11aHka) 1 TMHENHOM 3KCTpamnosi-
LIM1 Ha OChb X.

Hzmepenue omokamarumuueckoii aKmueHOCMU.
AKTUBHOCTb CUHTE3UPYEMbIX MaTEePUAIOB UCCIIEI0-
BaJIi B peakuu (pOTOKATATUTUUYECKOTO BBIICICHUS
Bogoponaa u3 10 06. % pacTBopa TpU3TaHOJAMUHA B
BOJIe. DKCIIEPUMEHThI IPOBOAUIN B CTAIlMOHAPHOM
peakTope HWIMHIAPUYECKON (POPMBI C KBapLIEBHIM
OKHOM Iuowmanbio 3.5 cm? (puc. 2). B xauectse uc-
TOUYHMKA M3nydyeHus: Obu1 BeIOpaH LED-1cTouYHUK ¢
MaKCMMYMOM HMCITyCKaHUS Ha JJIMHE BOJHEI 425 HM
(MomtHocTb 450 MBT cM~?).

DKCIIEpUMEHT MPOBOIUIIN CIASAYIOIIUM 00pa3oM:
50 Mr kataym3aTopa B 100 mu1 10 06. % pacTBOpa Tpu-
3TaHOJIaMUHA B BOJE CYCIIEHAUPOBAIY B YJIbTPa3BY-
KOBOIi BaHHE B T€YECHME 5 MMH, a 3aTE€M IOMeIllaanu
B peakTop. [anee peakTop MpoayBajlyd aproHOM B
TedeHUU 20 MUH 1151 yIaJdeHUs TPUCYTCTBYIOIIETO B
cUCcTeMe BO3lIyxa, a 3aTeM 00JIy4aJii BUIUMbBIM CBE-
TOM C MakKCHMMyMOM TMIOJIOChI MCIIYCKaHUS IIpU
425 uMm. KoanyecTBO BBIASIMBILIEIOCS BOIOPOAA
omnpenelisid ¢ IIOMOIIbI0O Ta30BOI0 XpoMaTorpada
XPOMOC I'X-1000 (Poccus) ¢ NaX 11e0IMTHOI KO-
JIOHKO¥ (ra3-HOCUTEJIb — apTOH).

Kaxymryiocst kBaHTOBY10 3P (eKTUBHOCTD (D)
paccuMThIBaJIM IO clieaytoleii hopmyre:

:2'W(H2)

o x100%, (2)

doToHOB

rne W(H,) — ckopocTbh (pOTOKATATUTUYECKOTO BhIIE-
JIeHusI BOZOPOoa (MOJIb MUH '), Ny ronos — YMCIIO O-
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Ta6mua 1. PU3MKO-XMMUYECKUE CBOKCTBA MPUTOTOBJIEHHBIX (DOTOKATAIN3aTOPOB, e £, — ITMpUHA 3aNpelIeHHOM 30-

I[TOTAITEHKO u ap.

HBl, Sy — IUIOLIANb YIEJIbHOU MOBEPXHOCTH, oNpeneaeHHass MeronoM bOT

Ne | A66peBuaTypa L% um LS, am dpi, HM dyons A E,, 5B Skor, M2 17!
1 Pt-CN (1:5) 1.7+0.2 6.5%£0.7 31+£0.3 3.23+0.01 2.74 £0.03 22+1

2 Pt-CN (1:3) 1.8 £0.2 49+0.5 31+0.3 3.23+£0.01 2.71 £ 0.04 116 £5

3 Pt-CN (1:2) 41+0.4 49+0.5 48+0.5 3.25+0.01 — 54+3

4 Pt-CN (1:1) 41+0.4 6.7+0.7 47+0.5 3.24 £ 0.01 — 61 3

5 Pt-CN (5:1) 41=+0.4 6.1 £0.6 44+04 3.25+0.01 2.54+0.03 32+2

6 Pt-CN (1:0) 46+£0.5 9.0+0.9 39+0.4 3.25£0.01 2.65 £0.03 20+ 1

¢ CpenHuii pasmMep KPUCTALTUTOB B ILIOCKOCTH citoeB g-C3Ny. d CpenHuii pa3Mep KpUCTAUTMTOB NEPIIEHANKY/ISIPHO TUIOCKOCTU CJIOEB

g—C3N4.

TOHOB MNazatouero usaydeHus (poron c~'). Yucio

dotoHOB cocraBmio 330 MMOIb (POTOH MUH .

PE3VJIBTATHI 1 OBCYXIAEHUWE

Duszuko-xumuueckue ceolcmea HoOMoKamanusa-
mopoes. PeHTreHOrpaMMbl CUHTE3UPYEMbIX KaTain3a-
TOPOB MpEICTaBJICHEI Ha pUC. 3, a mapaMeTphbl, pac-
cyUTaHHBIE 110 TaHHbIM PDA, ripencrasieHbl B Ta0. 1.

Ha pentrenorpamme (puc. 3) OpuCyTCTBYIOT ABa
xapaktepHbIX 111 g-C;N, nudpaklIMOHHBIX THKa
pu 20 = 13° 1 27°, KOTOpbIe COOTBETCTBYIOT OTPaKe-
Huio ot 1rockoctu (100) u (002). Pediexc ¢ Ham-
OoJibllleili MHTEHCUBHOCTBIO Ipu 27° 00OYCJIOBJIEH
MEXCJIOEBOM YKJIAAKOM OPTOPOMOMYECKUX KOJIell B
CTPYKType rpaduTonogo6HOro HUTpHUAA yriiepona, a

— Pt

(100)

(002)

- Pt-CN (1:5)

Pt-CN (1:3)

Pt-CN (1:2)

MNHTEHCUBHOCTD, OTH. €.
I

- T Pt-CN(L:D)

- Pt-CN (5:1)

25 30 35 40 45 50 55 60 65 70
20, rpan.

1
10 15 20

Puc. 3. Pentrenorpammsl 1ist oo6pasuos cepun Pt-CN (X:Y).
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pedaekc (100) ipm 20 = 13° COOTBETCTBYET CTPYKTY-
p€ YIaKOBKHU TPU-S-TPUa3UHOBBIX KoJiell. CTOUT OT-
METHUTb, YTO MUK IU(PaKIINU, pACTIOTOXEHHbBIN MPU
20 = 13°, He cmelaeTcsl TTPpU U3MEHEHUU YCJIOBUIt
cuHte3a g-C;N,, 4To yKa3bIBaeT Ha OMUHAKOBOE pac-
CTOSIHUE MEXIY TPU-S-TPUA3MHOBBIMU KOJIbLIAMU B
mnockoctu (002) miIst Bcex McciaeayeMbIX 0Opa3lioB.
bb1o TOKa3aHO, YTO WMHTEHCUBHOCTb ITMKOB NU-
dpakunu oTIMYaEeTC B 3aBUCMMOCTH OT MacCOBOTO
COOTHOIIEHMUSI MCXOAHBIX a30TCOAEPXKAIIUX COEIU-
HeHuii. UaTeHcuBHOCTD pedekca (002) Bo3pacraet
py yBeJMYEHNUU OOIIEero cojepXaHusl MeJaMuHa B
HWCXOMHOI cMecu MellaMuH/MoueBuHa. Kpome Toro,
MpU YBEJIMYEHUU CONIep>KaHUSI MOYEBUHBI B HMCXOI-
HOM CMecu TIPOUCXOIUT YMEHbIIEHUE MEXILIOC-
KOCTHOTO PacCTOSTHUS dyg, € 3.25 10 3.23 A. YMeHb-
IIEHWEe TaHHOTO MEXIIJIOCKOCTHOTO PACCTOSIHUS Xa-
pakTepu3yeT 00sie€ BBICOKYI0 KPUCTAULIMYHOCTD U,
COOTBETCTBEHHO, IIEPEHOC HOCUTEJIEH 3apsiia MexXIy
CJI0sIMU TpaUTONMOI0OHOTO HUTPUIA YIJIepoaa Mpo-
UCXOOUT aydiiuM ob6pa3om [29]. Ilpu 3Tom panee
ObLIO MOKa3aHO, YTO aTOMbI KUCJIOPOAa B CTPYKTYpe
MOYEBUHBI WHAYLIMPYIOT IMPOLIECC KOHJEHCAlIUU B
g-C;N,, a Takxke obGecneynBaroT CTPYKTYPHYIO Lie-
JIOCTHOCTbH B ()OPMUPOBAHUU HAHOCTPYKTYp rpacu-
TOIIOZOOHOTO HUTpUAA yriaepona [32].

st Bcex 0Opa3LoB OBUIM pacCYMTAHBI ITapaMeT-
pbl L, (OKP B minockoctu) u L, (OKP nepneHauky-
JISIpPHO TI0CKOCTH) 110 ypaBHeHuto Illeppepa (Tadi. 1).
CormnacHo pesyyibTataM, MPeacTaBIeHHBIM B Ta0OI. 1,
MIpU NepexoJe OT YMCTOr0 MeJaMUHa U YBEJIMYCHUN
colepxXKaHWsT MOYEBHMHBLI B MCXOMHOM CMeCU Meja-
MUH/MO4YeBHMHA 110 1 : 3, 3HAUNTEIbHO YMEHBIIIACTCS
napameTrp L., 4TO XapakTepusyeT OoJiee TUIOTHYIO
yIakoBKy cioeB g-C;N,, pu 3TOM MpU JalibHE11eM
pocte conepxaHus MoueBuHbI (1 : 5) L, pacrer. [1pu
3TOM napameTp L, MOHOTOHHO IMajgaeT ¢ POCTOM KO-
JImyecTBa MouyeBHMHEL. CllenyeT OTMETUTb, UTO CO-
nracHo maHHBIM PMDA | pasMepbl YacTUII IIJIATHUHBI Ba-
peupyiorcs ot 3.1 1o 4.8 HM.

TOM 513 2023



HOBAS CTPATEI'MA CMHTE3A BbICOKOAKTUBHDBLIX KATAJIM3ATOPOB

(@)

100
— Pt-CN (1:5)
—— Pt-CN (1:3)
80— Pt-CN (5:1)
60
R
:{
401
20
0 1 1 1 )
350 400 450 500 550

JInnHa BOJIHBI, HM

Puc. 4. DieKTpoHHBIE CIIEKTPhI AUdGY3HOro oTpaxkeHust YD -BUAMMOIL crieKTpockonuu (a) u rpaduku 3aBucumoctu (F(R) - E)

ot E ms katanu3aropos cepuu Pt-CN (X:Y).

OnrTuyeckue CBOMCTBA IIPUTOTOBISHHBIX KaTaJu -
3aTOPOB U3yYalv 110 JaHHBIM CIIEKTPOB 11U dy3HOro
oTpaxeHUs (puc. 4a) U MOCTPOSHHBIM 3aBUCUMO-
CTSIM B KoopamHaTax Tayka IJIsI HEIPSIMOTO IIepe-
XoJia B MOJynpoBoAHMKax (puc. 40). YcTaHOBJIEHO,
YTO MPOUCXOIUT CMEIIEHUE Kpas IOMNIOIICHUS B

31

A, cMm’ T

400 -
350
300
250
200
150
100

50

J
1.0
P/Po

0 0.2 0.4 0.6 0.8

Puc. 5. Usorepma ancop6unm N, mist oopasua Pt-CN (1:3).
P — 1aBnenue agcop0ata, p, — JaBJIeHUE HACHILIEHHbIX 1A~
PpoB azicopbara, p/py — OTHOCUTEILHOE [aBJICcHUE MapoB ajl-
copbara.
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(©)

—— Pt-CN (1:5)
—— Pt-CN (1:3)
—— Pt-CN (5:1)

(F(R) - E)I/Z

22 24

30 32 34

| |
26 2.8
E,>B

2.0

12

0oJiee KOPOTKOBOJITHOBYIO OOJIACTh MPHU YBEJIUICHUN
MacCOBOM AOJW MOYEBUHBI B (poTOKaTtaamzaTopax
Pt-CN (X:Y). Tak, npu nepexone ot Pt-CN (5:1)
Pt-CN (1:5) HaGmomanoch yBeJIMYeHUE IIMPUHEBI 3a-
MpenieHHo 30HbI OT 2.54 1o 2.74 3B. Ilpu aToM mis
dorokaranuzatopa Pt-CN (5:1) cnektp nuddysHoro
OTPaXXEHUSI UMEET CIIOXHYIO (hOPMY, UTO MOXKET CBU-
JIeTeJIbCTBOBATDH O HAJTMUMU MIPUMECEIA.

Beimn viccnenoBaHbl TEKCTYpPHbIE CBOMCTBA CUH-
Te3UpOBaHHBIX (poTOKaTanu3aropoB. [lokazaHo, UTO
IpU YBEIMYEHUN COAEPKAHUSI MOYEBUHBI IO OTHO-
IIEHWsST MeJaMUH : MO4YeBMHA = 1 : 3 yaeabHas Io-
BepxHocTh g-C;N, 3HaumtenbHO pacreT: ¢ 20 go
116 M2 r!, a npu manpHeileEM poOCTE CONEPIKAHUS
MOYEBMHBI (10 1 : 5) — magaer no 3HaYyeHus 22 M2\,
Hnst karanuzaropa Pt-CN (1:3) mmojrydeHHast U30Tep-
Ma agcop6imu N, (puc. 5) oTHocuTes K Tuny 1V, rioe
HavyaJIbHBII Yy9aCTOK YKa3bIBaeT Ha MPOTEKaHUE TT0-
JIMMOJIEKYJIIPHOI afcopOLnu, a MeT/sl TUCTepe3uca
CBUIETENIBCTBYET O MpoOLecce KAMMLISPHOM KOHIEH-
caunu B Me3oropax. ComracHO JaHHBIM 3KCIIepU-
MEHTOB, 00beM Iop Matepuaia coctawi 0.57 cM*r!, a
cpenHuii nuamMeTp 1mop — 20 HM, 4TO TakKe CBUIE-
TEJIbCTBYET O HAJTMYUU ME3OITOPUCTOMN CTPYKTYPHhI.

CTOUT OTMETUTb, YTO TOJYYCHHBIC 3HAYCHUS
Sgat A1 (POTOKATATU3ATOPOB C OTHOLIEHUEM MeJla-
muHa K MoueBuHe (1 : 3)—(1 : 1) aBasIIOTCS BEICOKUMU
T TpaduTorTonoO0HOrO0 HUTpHUAA yrirepona [33, 34].

Domokamanrumuueckas aKmMUEHOCHb NPULOMOE-
AeHHbIX 00paszyos. MDOTOKATANUTUYCCKYIO AaKTUB-
HOCTb CUHTE€3UPOBaHHBIX 00pa3110B ONpeaeIsiu B
XO0Jle peaklinu 006pa3oBaHUsI BOOIOPOIa U3 BOJHOTO
pacTBOpa TpUATAHOJAMUHA ITPU OOJTYYSHUH BUIM -
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W(H,), MKMOJIb MUH !
5 —

1:5 1:3
CoOTHOILIEHUE MEJIAMUH : MOYEBUHA

1:2 1:1 5:1 1:0

Puc. 6. 3aBUCUMOCTb CKOPOCTH (HhOTOKATATUTUYECKOTO
BBIIEJIEHYSI BOIOPO/IA OT COOTHOILIEHUSI MEJIAMUH : MOYe-
BUHa Wi Kataau3atopoB cepun Pt-CN (X:Y). YcinoBust
akcnepumeHTa: 10 06. % BonHbIil pacTBop TOA, Macca
KaTalu3aropa m,, = 50 MI, 00beM cycreHsun Veye =
=100 mu1, A = 425 HM.

MBIM CBETOM C JJIMHOI BOJHEI 425 HM. briia mpo-
aHaJIM3MPOBaHA 3aBUCUMOCTb CKOPOCTU (hoToKaTa-
JIMNTUYECKOIo 00pa3oBaHMs BOIOPOJA OT COOTHOIIIE-
HMS MeJIaMUH . MOYeBMHA B KaTajJu3aTopax CEpUU
Pt-CN (X:Y).

Kaxk mokaszano Ha puc. 6, CKOpocTh (OTOKaTAIN-
TUYECKOIO BBIAEICHUSI BOAOpPOAA M3 BOAHOIO pac-
tBopa TOOA mnipu nmob6asiaenuu Pt-CN (1:0), moiy-
YEeHHOTO IIpOKaJMBaHueM MejiaMuHa 1pu 550°C B
tegeHue 2 4, cocrabwia 0.1 Mmkmons mun~!. Hampo-
TUB, (QoToKaTaIUTUYECKasT aKTUBHOCTh OOpas3loB
cepun Pt-CN (X:Y), nmonydyeHHBIX IIPOKaJIMBaHUEM
CMeCcH MeJIaMIH/MOUYE€BHHA B TE€X X€ YCIOBUSIX, 3Ha-
YUTEbHO Bo3pacTaeT. [Ipy CoBMECTHOM ITpoKaivBa-
HUU CMECU MeJlaMHAa M MOYEBUHBI POV CXOAUT pa3-
JIOXXEHHE MOUYEBMHBI C 00pa3oBaHUEM IIMAHYPOBOM
KHUCJIOTHI, B pe3y/bTaTe YeTo MOCPENCTBOM BOIOPOI-
HBIX CBsI3eil MPOUCXOAUT (hOPMUPOBAHME CYyIIpaMO-
JIEKYJISIDHOTO KOMIUIEKCAa MeJaMHH—IMaHypoBasi
kucinora (MIK). JlanbHelilee HarpeBaHUEe MPUBO-
auT K npeBpaiuieHuto MIIK B rpaduronogoOHbIi
Hutpun yrinepona g-C;N, ¢ pa3BUTOl cUCTEMOIL TTOp
Onaronaps BeinesieHuto razos (NH;, CO, u ap.) [35].
ITono6HOe 3aKki0YeHUe MOATBEPKIACTCS TaHHBIMU
O VyIOeJIbHOM ITOBEPXHOCTHU, IIPEACTABIICHHBIMU B
Tabm. 1.

I1pu yBeanueHnn mMaccoBoit 1011 MoueBUHBI (Y)
B Pt-CN (X:Y) npoucxoaut yBeJMUeHUE aKTUBHOCTH,
JOCTUrast MAKCUMAJILHOTO 3HaUeHKs 4.2 MKMOJIb MAH !
st Katanuzatopa Pt-CN (1:3). CtouT oTMeTUTD, YTO
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W(H,), MKMOJIb MUH !
6 —

1 2 3 4
Howmep nukna

Puc. 7. MUccnenoBanue cTabuabHOCTU (DOTOKATAIN3aTO-
pa Pt-CN (1:3) B peakiinu MoJjy4eHusi Bogopoaa. Ycio-
Bust aKcniepuMeHTa: 10 06. % pactBop TDA B Boze, M, =
= 50 mr, Vyen = 100 M1, A = 425 HM, JUTUTENBHOCTD O -
Horo uukia 1.5 4.

ero a(pheKTUBHOCTb B peaKLIMU BbIIEJIEHUS BOIOPO-
Ia B 42 paza BBIIIIe, YeM IIPU HUCITOIb30BaHUM (OTO-
katanu3aTopa Pt-CN (1:0), KoTOpbIii MOIy4YeH TOJIb-
KO 13 MeJlaMUHa, MPOKAJIEHHOTO B TeX e YCIOBUSIX.
HanbHelilllee yBeJUYeHNE CONEPXKaAaHUS MOYEBUHBI
B CMECHU C MeJIJAaMUHOM TIpU MPpOKaJuBaHUU ITPUBE-
JIO K HE3HAYUTEIbHOMY CHIDKCHHWIO aKTUBHOCTHU
st porokatanuszaropa Pt-CN (1:5). AHanusupys
COBOKYITHOCTh XapaKTEPMCTUK MCCIESTOBAHHBIX
KaTajau3aTopoB, YCTAHOBJEHO, UTO KaTajlu3aTop
Pt-CN (1:3) o6nagaeT onnTUMalbHBIMU MTApaMeTpa-
MU, TAKUMU KaK BHICOKOE 3HaUeHHE TUIOMIAIN 0~
BepXHOCTH (hoTOKaTanusaropa, pasHoe 116 m> r!,
TUIOTHAas yrakoBka cioeB g-C;N,, xapakTepu3syoia-
sics 3HaUeHueM rmapameTpa L. = 4.9 HM, U BbIcOKas
KPUCTAJUIMIHOCTD, XapaKTepU3YyIOIIascs 3HaUeHI -
eM MEXIUIOCKOCTHOTO PacCTOSIHUS dyy, = 3.23 A,
pU KOTOPBIX MpoIecc POTOKATATUTUIECKOTO BbI-
JIeJICHUS Bogopoaa sIBisieTcss Hauoojee 3pPpeKTUuB-
HbIM. IlIupuHa 3amnpeiieHHoi 30Hb (OTOKATaATIU-
3atopa Pt-CN (1:3) cocrtaBmia 2.71 3B, yto 00y-
cioBIMBaeT 3G GEKTUBHOE TTONTOIIEHE N3TydeHUs
BUIMMOTO THMAaIta3oHa.

KpoMe akKTMBHOCTH, OOHUM M3 CaMbIX Ba>KHBIX
CBOMCTB (pOTOKATATIU3ATOPOB SIBJISIETCS CTaOMIIb-
HOCTh B mpoliece paboThl. M3ydyeHue cTabMIBHOCTU
dotokaranuzaropa Pt-CN (1:3) mpoBoauyii B Teue-
HUEe 4 TOJyTOPAYyacOBBIX HUKIMYECKUX SKCIEPU-
MEHTOB MO (POTOKATATUTUYECKOMY BBIIECIEHUIO BO-
nopona (puc. 7). AHaIu3upys faHHbIE pUC. 7, MOXKHO
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Ta6auma 2. CpaBHeHI/IC AKTUBHOCTU CMHTE3UPOBaHHBIX 06pa31_[0B C paHEEC OHY6J’[I/IKOB&HHI)IMI/I JaHHbIMU

115

Ne O6paselr Meton cuHTtesa g-C3Ny Hctounnk HAonop W(Hz)]’ | @, % |Ccpinka
W3TyYSHMUST 3JIEKTPOHOB | MMOJb U~ ! 1™
1 |1mac. % ITpenobpaboTKa MeTaMrHA IIPU Xe-mammna 300 Br | 15 06. % 0.6 1.1 [33]
Pt/g-C;N, |200°C B Teuenue 12 u. [Mpokanusa- | (A > 420 HM) TOA
HHUE CMECU MeJIaMUH/MOYEBHA
(2:2):550°C, 1.5 4 (ckopoCTb
Harpesa 5 °C MmuH ")
2 |0.5mac. % |IIpoxkainBaHVe MeJlaMUHA: Xe-nammna 300 Bt |20 06. % 1.1 — [36]
Pt/g-C;N, |550°C, 2 4 (ckopocTh Harpesa (A =420 um) TOA
5°C mun 1)
3 |1mac. % IMpokanuBaHue cMecU Mea- Xe-nmamma 300 Bt | 10 06. % 4.3 3.0 [37]
Pt/g-C;N, | Mun/xnopun ammonust: 550°C, 41 | (A =420 HM) TOA
(cxopoctb Harpesa 5°C Mun ).
ITpoxkanuBaHue npoaykra: 620°C,
24
4 |3 mac. % IMTpokanuBaHue MOYEBUHBI: Xe-mamma 300 Bt | 15 06. % 0.76 — [38]
Pt/g-C3N, |550°C, 4 4 (ckopocTb HarpeBa (A =420 um) TOA
2.5°C mun~")
5 |3mMac. % TIpoxkanuBaHue MOUYEBUHBI: Xe-mamma 300 Bt | 15 06. % 4.3 — [34]
Pt/g-C3N, |550°C, 3 u (ckopocTh HarpeBa (A >420 am) TOA
2.5°C mun~"). TTpokanuBaHue
npoaykra: 500°C, 3 u
6 |1mac. % IpokaauBaHUE CMECU MOYE- Xe-nammna 350 Bt | 15 06. % 0.21 0.9 [39]
Pt/g-C;N, |BuHa/mmoko3a: 500°C, 2 4 (A =420 um) TOA
(ckopocTb Harpesa 5 °C Mun ')
7 |3mac. % IMpokanmBaHue MeJlaMUHa: Xe-mamma 300 Br | 10 06. % 1.43 — [40]
Pt/g-C3N, |550°C, 4 4 (cKkopoCTh HarpeBa (A =420 um) TOA
5°C mun~ ). TIpokanuBaHue mpo-
nykTa: 530°C, 30 MuH
8 [3mac. % [MpokanuBaHUEe MOYEBUHBI: Hctounuk Buau- | 10 06. % 0.16 — [41]
Pt/g-C3N, |550°C, 2 4 (cKOpoCTb HarpeBa Moro cBeta 250 Bt | TDA
9 °C mun) (M He yKazaHa)
9 |0.5Mmac. % |IIpokainBaHVe MeJIaMUHA: Xe nammna 300 Bt | 10 06. % 1.4 — [42]
Pt/g-C3N, |550°C, 4 9 (ckopocTh HarpeBa (A He ykazaHa) TOA
5°C mun 1)
10 |1 mac. % IMpokanuBaHue MOYEBUHBI: Xe-nmamma 300 Bt | 10 06. % 0.56 — [43]
Pt/g-C3N, |550°C, 3 u (ckopocTh Harpesa (A =400 um) TOA
5°C mun )
11 |1 mac. % ITpokanmuBanue menamuna: 500°C, | Xe-mamma 300 Br | 10 06. % 0.32 — [44]
Pt/g-C3Ny |24 (ckopocts Harpesa 2°C mun). | (A = 420 HM) TOA
ITpokanBaHK1e MTPOIYKTA C TUITO-
dochurom Hatpust: 350°C, 19
(ckopocTb Harpesa 5 °C MUH ')
12 |0.5mac. % |IIpokanuBaHue nmaHypara mena- | LED-ucrounuk |10 06. % 8.5 5.0 [15]
Pt/g-C3N, |muna: 550°C, 1 9 (ckopocTh 450 MBT cM? TOA
Harpesa 1°C mun~!) (A =425 um)
13 |1 mac. % ITpokaaMBaHUE CMECH Meja- LED-uctounuk |10 06. % 5.0 2.5 Hacr.
Pt/g-CsN, | muH/MoueBuHa (1 :3): 550°C, 24 | 450 mBT cM? TOA pabora
(cxopoctb Harpea 10°C Mun™!) | (A =425 M)
JOKJIAIBI POCCUNCKON AKAJEMUUN HAYK. XUMUS, HAYKU O MATEPUAJIAX  tom 513 2023
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cleyaTh 3aKJII0YeHNe, YTO TaHHBIN KaTam3aTop Xa-
paKTepHu3yeTCcsl BEICOKOI cTaOMIBHOCTBIO (puUc. 7).

3HaueHue yAeabHOH KaTaluTUYeCKOW aKTUBHO-
ctu 11 porokaranuzaropa Pt-CN (1:3) cocraBuiio
5.0 mmonp H, Ha rpamMm (poTokaTanuzaropa B yac c
KaxXylIeicss KBaHTOBOM 3(pdeKTuBHOCTEIO @ = 2.5%
(A = 425 um). B 1aba1. 2 npeacrapieHo cpaBHEHME T10-
JIy4EHHBIX Pe3YJIbTaTOB C JIMTePATyPHBIMU TaHHBIMMU.

AHanm3 muTepaTypHbIX TaHHBIX (Ta0J1. 2) moKa3bl-
BaeT, YTO 3HAYEHME aKTUBHOCTU U KBAHTOBOM 3(h-
(G EeKTUBHOCTH pa3pabOTaHHOTO B HACTOSIIEl paboTe
¢doTokaranmuzaTropa IIPEBOCXOAST MOKAa3aTeJr IS
OOJIBIIMHCTBA CUCTEM Ha OCHOBE IUIATUHUPOBAHHO-
ro rpa¢duTONOA00HOTO HUTPHUIA yIjiepona, OIMCaH-
HBIX B JINTEpaAType, HECMOTPS Ha TO, UTO B PsIAe CIIy-
YyaeB B Ka4eCTBE MCTOYHMKA W3JTyYEHUSI UCIOJb3Y-
FOTCSI MOIITHEIE KCEHOHOBEIE JIAMIThI 0€3 KaK1X-JI100
CcBeTODMIBTPOB M (POTOKATAIIM3ATOPEI C BBICOKUM
colepKaHueM TUTaTUHBI (10 3 Mac. %). Panee Hamu
ObUIM pa3paboTaHbl ABa Meroaa cuHrte3a g-C;N,: ¢
MpeIBapUTEILHON THUIPOTepMaJIbHOM 00paboTKOM
CMECHU MeJIaMUHA U1 IJIIOKO3bI U JaJIbHEWIIEH TepMU-
YyecKo 00paboTKoll oOpa3zoBaBUIETOCS MaTepuasa
npu Temnepatype 550°C, a TakKe myTeM IIpOKaJIuBa-
Hus nipu 550°C nmaHypara MejaMuHa, TTOJy4YeHHO-
ro, B CBOIO ouepeab, B3aUMOIEICTBIEM MeJIaMIHA 1
OaHypoBOM KHMCHOTHI [15, 45]. B obomx ciaygasgx
TUIATUHY HAaHOCUJIM ITyTEM XEMOCOPOLIMM HUTPATO-
KOMIUIEKCOB IUIATUHBI C MOCIEIYIOIINM BOCCTAHOB-
JIEHHEM B TOKe Bomopoaa. AKTUBHOCTb 3THX (pOTOKa-
Tanu3atopos cocraBwiaa 5.1 mMmonb 1! u=! [45] n
11 Mmonb 1! 4! [15] COOTBETCTBEHHO, YTO BHILIE,
yeM 111 CUCTeM, OIIMCAaHHBIX B HACTOsIIeil padoTte.
OnHako cieayeT OTMETUThb, YTO IIPEMJIOXEHHBI B
paMKax OaHHOM pabOThl OMHOCTAOIWMHBIA METOL
cuHTte3a g-C;N, HaMHOTrO NpoIle B UCTIOJIHEHUM U HE
TpeOyeT MCIOJb30BaHUSI JOPOTOCTOSIIMX Mpelie-
CTBEHHUKOB, 4YTO, OE€3yCJIOBHO, OIpPEHCIsSIcT €ro
MIPaKTUIECKYI0 IEHHOCTb, a (pOoTOKaTaIMTHU4YeCKas
aKTUBHOCTb CUHTE3MPOBAaHHBIX 0OPa31lOB CpaBHUMA
C MaTepHajaMHU, ITOJIy4CHHBIMU OITMCAHHBIMU BbIIIIE
NpeIU3NOHHBIMU MeTonamu [ 15, 45].

3AKJIIOYEHHME

Pa3paboTaH HOBBIN ITPOCTOM METOI CMHTE3a BHI-
COKOAKTUBHBIX KaTtaiuzaTopoB g-C;N,, cocrosuumii
B IIPOKAJIMBAHMM CMECH MEJaMWH/MOYEBUHA C IO-
CJIenyIoIMM HaHeceHueM IulaTuHbl. B mporecce
MpPOKaAJIMBAaHUSI IIPOUCXOIUT 0Opa3oBaHUE CyIIpaMo-
JIEKYJISIDHOTO KOMIUIEKCAa MeJaMUH—IIMaHypoBasi
KHMCJIOTa, KOTOPbIM NpU HaJibHEMIIEeM HarpeBaHUU
npeBpaiaeTcss B rpaUTONOA00HbBIN HUTPUI YIJie-
poma, XapakKTepM3YIOIIUIiCSI BBICOKMM 3HAa4YCHUEM
IUIOIIAAM yAeAbHO# moBepxHOCTU. Kpome Toro, uc-
MOJIb30BaHWE CMECU MEJIAMUH : MOYEBHUHA TTO3BOJISI-
eT II0JIy4aTh rpadUTOIIONOOHKIN HUTPU YIJIepoaa C
MJIOTHOM YMAaKOBKOW M BBICOKOM KPUCTAJLIMYHO-
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CTbhIO, UTO OJIArONpPUSTHO BIUsieT Ha (hOTOKATATIUTU-
YecKue CBOMCTBAa CHUHTE3UMPOBAHHBIX MaTepUaJIOB.
B peakuuu ob6pazoBaHusi BOOOPOJA U3 BOIHOTO pac-
TBOpa TPUATAHOJIAMMHA T10J AEWCTBUEM BUAMMOIO
cBeTa ¢ A = 425 HM MaKCUMAaJIbHYIO KATAIUTUYECKYIO
akTUBHOCTBH 5.0 MMosib H, r=! u=! ¢ kaxyueiics
KBAaHTOBOM 3D eKTUBHOCTBIO 2.5% TposiBUI (Po-
tokaranusatop Pt-CN (1:3) Ha ocHOBe cMecu Me-
JaMuH : ModyeBrHa = 1 : 3. B peakuum ¢porokaTtaim-
TUYECKOTO BBIICJICHUS BOAOPOAA TPEITOKEHHBIN
HaMu (poToKaTtajinm3atop TMPOSIBUJI BBICOKYKD CTa-
OMJIBHOCTb. AHaNIN3 JIMTEPATYPHBIX HAHHBIX ITOKa-
3aJ1, YTO MOJIyYeHHBII1 0Opa3ell He yCTynaeT 110 1iefie-
BBIM MMapaMeTpaM U3BECTHBIM MOJOOHBIM CUCTEMaM.
Co3naHue ¢ UCTOJIb30BAHMEM HECTOXHBIX CUHTETH -
YeCKUX MOAXOI0B U HEAOPOTUX MPEeAIeCTBEeHHUKOB
aKTUBHBIX U CTAOUJIbHBIX (DOTOKATAIM3ATOPOB MOTY-
YeHUs1 BOJOPOa Mo 1eMCTBMEM BUIUMOTO CBETA OT-
KpbIBaeT TepPCIeKTUBbI Pa3BUTHUSI HOBBIX HampaBJe-
HUU aJIbTEPHATUBHOM SHEPTETUKMU.

BJIIATOOJAPHOCTHA

ABTOphl BBRIpaxaior OmaromapHocts JI.b. Bacwib-
YeHKO 3a UBMepeHUe CIIEKTPOB 11(Gy3HOro oTpaxkeHUs 1
A.B. AroroBy 3a McceqoBaHUE TEKCTYPHBIX XapaKTepu-
CTUK (pOTOKATAIM3aTOPOB.
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A NEW STRATEGY FOR THE SYNTHESIS OF HIGHLY ACTIVE CATALYSTS
BASED ON g-C,N, FOR THE PHOTOCATALYTIC PRODUCTION
OF HYDROGEN UNDER VISIBLE LIGHT

K. O. Potapenko?, S. V. Cherepanova“, and E. A. Kozlova**

4Federal Research Center Boreskov Institute of Catalysis, Siberian Branch of the Russian Academy of Sciences,
630090 Novosibirsk, Russian Federation

#E-mail: kozlova@catalysis.ru

In this work, materials based on graphite-like carbon nitride were synthesized by thermal treatment of a mix-
ture of melamine and urea and the effect of synthesis conditions on the photocatalytic activity of the samples
was studied. As a cocatalyst, platinum (1 wt. %) was deposited on the surface of the synthesized g-C;N, sam-
ples. The photocatalysts were characterized by X-ray phase analysis, diffuse reflectance UV-vis spectro-
scopy in the UV and visible range, and low-temperature nitrogen adsorption. Photocatalytic activity was
determined in the reaction of hydrogen evolution from an aqueous solution of triethanolamine (10 vol. %) un-
der visible light irradiation (A = 425 nm). The optimal conditions for the synthesis of the photocatalyst
1% Pt/g-C;5N,, obtained by calcination of a mixture of melamine and urea (1 : 3), were found, using which
the rate of H, evolution was 5.0 mmol g~ ! h~! with an apparent quantum efficiency of 2.5%. The developed
synthetic approach makes it possible to obtain highly active catalysts due to the formation of an intermediate
supramolecular melamine-cyanuric acid complex during the synthesis, which, upon further heating, turns
into g-C3Ny, which is characterized by a high specific surface area exceeding 100 m2gl.

Keywords: g-C5N,, photocatalysis, hydrogen production, visible light
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