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. TEMEAE AR (2.7 eV) 240 RAFTE. Bb4b,
g-CN, Al I &M = E H BRI s Rk, sk, IR
. S RFEAEIR. SR, g-CoN, G 132 R
FTHAEHTF (ecp) FMIAIN (hyy) HIPIERE S, XfHIH
TR R KIEC. Fe-CN,S5Z2M - SHME 26
SR IR 0] R SRS 2 —[9].

Z & JBEIREE (POM) AR HAUEY & i) 5K,
HONE & B A%, T POMEG JErHI1k 2
it 5 e SR & B E AL BB AR L A 2 FR e, J8H
BN ARG B, FEAE & Pk s OB R B0 A
SR RE (5], EBIERET T, SefE IR i nT
ARG AR AN, TR -O, A1 (B -OH
H IS s A, 3 s il & M. HPOMAE
TIEALT] ([S,W 130611 [101H T K BHYG HE 5 4k &
WARHEE S, POMAE G b & B Mt nfaE b 2= 4, G
HR T EHFREN A RO FE R I T MUARRAR A [5,11].

TEAHEFT A, FRATT I oK ol 43 R £ 4K T W IR A& 1
Hg-CsN R T, R B3 1 — Mo 24 JE 2 AH D' fiE 4k 77
(PW,,-P-UCNS, H1PW,, WH,PW,,0,,vH,0, P-UCNS
RS B g-C N GIK B, FERIZOB i A0 71 3
T gttt O NAR ZR, T /KA B A A B
RHEEE. R A RS, $] & HPW,,-P-UCNSiE 1L
F R AR S e E AL R RE, XA T RAR = A
OFI NIPOMAE AL 7 ) HL 324K, B8 R 2t
AT X5 B s QBERR 1121 = T P-UCNS %R
THAHEAL TS O, 2 IR B RE J7, T A R T 75 R SIS FE
AR R 2 B ROSLE I FE (O, H D @PW,,-P-
UCNSP A B3 fEZ BIHLEE, S2IL 7 OB 8111

PRIE ) ES . PW,,-P-UCNS JEAEAL ) ey S AL AT o] 778
N N T S S W A R VAR I B

2. SR ER D

2.1. 2y b AN
P A7 v SN 25 it 38 E b TR 22 T 7 A 2 A R A ] 42
i, By g, AR R — DA,

2.2. UCNS {14 i

A FHg-CNL I & B2 % SCHR[12]. #40.9 gfk AH
g-CyN, 7 #1#1 150 mL HCLIA JlE 2N 14.8%) 1,
AL h, fiFk24h, BEEAE110 C FHEAT/KHLLEES h,
RGBT O, e, KEE, fJSES0 C RHT
MR, TERRTEHE B g-CNL UK F (UCNS),

2.3. PW,-P-UCNS 4 1%

WE1ATR, $#0.1 g UCNS43#47E 100 mL 0.3 mol-L '
FIH,PO A, $idES h, 8203813 P-UCNS. &
60 C 14180 minJ5, WGFEMBIE, JHFAE300 C NS
$690 min. BERIAHZEBAKEYEE T, DLERFER L
REEGHIBERE[13]. ¥ —ERMWHPW,,0,, 5 08T
20 mL P-UCNS B8 rh, Frediibe. SR T1)E,
RAAFE] PW -P-UCNS BT

2.4, FRAF
FFHT77008L 28 347 &5 i T 24085 (TEM) #
. A8 H A B E A 5] I XRD-6000 T 5K 45 M BE N

H,PW,,0

1240

B 1. PW ,-P-UCNS B AL A il B 2%



3°~70° (I X BT LR A7 5 (XRD) g, % Bruker Vec-
tor 22 ZL AN IR AP K H400~4000 cm ™ ) {8 HL -5
oL i, SRFIMETTLER TOLEDO () TGA/
DSC 1{¢#% (SFA&!, ERm A 1100 C) fEE TR
FREATIE ST (TGA). i HULVAC-PHIA ] (H
A ff)Quantera SXM KX G 286 L F-RETE (XPS).
& HHJEOL JEM-2010 %Y H -~ {2 Sl B8 3E AT 15 40 % 22 3% i
M2 AEE (HRTEMD 4948, LR 2 1) Ul A =58 [
Micromeritics {X #% 2\ 5] [{] ASAP 2020M 1% 25 47 »

2.5 {4 BRI K

T HOR BB S A I N R T IO, BA300 WHTRUAT
YEREIR, TEERZM T KGR PW ,-P-UCNS {4k 7]
PICHEERE . B oG, R LF 20 mgfE AT 7 kT
10 mL SR (10 mmol-L™") . SGHEHET, 4w
1 R BT B s P30 min, [ B 5L Z
TR S G T = e AN 8% Y e e
W IFRFEI2 he 4505, W1 mLIEEY), #17
B0 IR DAY BRI S BORSE B B
15 FH H A< 188 A B GC-2010 Pro A (A i 4% (R
HP-5 i, g4 50.25 mm, KEH30m) 4
BEP=W,  FE v 5525 R I A A S R T R PR I 1

2.6. St HLAL 2RI

{fi FHCHI 760E H. 4k 2= T AE sk (EECHAXE A FD
HEATIR, %300 WEUTVE N 6. 76£0.1 mol-L
fINa,SO VK HH BEAT G HLL 3 M, 1k %% Ag/AgCLRIPt 73
SAE N2 bl HERRORD X FE R o A HE AR D ) 4% 5 T R
FIFH B 75 45 mg AT 5 8T 1 mL A BEW -
$80 pL i AR TITOB S R 1 H T8, 1R R %
(CV) EFIMott-Schottky il & 7775 2% SCHR[1,12].

3.45R5141E

3.1 fEARTFIA Ak

WK PR, RAKBIEFNZ LRI H] % T PW,,-
P-UCNSHifbi. B, HIRFELESS0 C FERESSIA
FHg-CsNyo B, H#Fg-CoN AT IRAL I AN /5 A0 2, 15
BIRIEG I g-CoNL K o ¥ Bl K B IR AT 1 — 2P
&4, HTIAPW,, &M EIPW,,-P-UCNSHALT]. 7E
B LR, P-UCNS ) —NH, 2 #5571k
FHAEPW,, MIP-UCNS [ 51 % [-NH [H,PW ,0,, 147

105

o 1T PW i A AN 5 FEUAH LA FH 925 1 P-UCNSS,
M3 e Keggin B BT . BEAL, ST NHIPW i
TEGT I N

3.2 RS 45

WE2FTR, FIHXRD XA g-C;N,» UCNS,
P-UCNS. PW,,fIPW,,-P-UCNS [{J4b 2 45 3 AT 4R 55
TEARAH g-C N, I XRD SGig A, A7727.5° F113.0° ALY
PEAN GRS % . (002) A (100) ST [12,14]. HIT
FRINJET (C-N=C) Wi 74k, UCNSHIP-UCNSH]
(002) FFAEWE 5 R M g-CN, A EE R A T 32 i F5 [ 15—
17]. B4k, P-UCNS [RIHRFAE 06 [H) 56 = (120 ks, IX A&
FHAK 2 AR MERR AR BE T [ 18,19]. fEPW ,-P-
UCNS [ XRD i E b, )58 T Keggin 4544 (260 = 8°~11°
F118°~30°) FIP-UCNS (20 = 14°F128.2°) IR I&)
I Y, EKBLESIAPW,, )5, Keggin MIP-UCNS [ 45 1)
BIRFEAAE

Bt — B XIPW,,-P-UCNSi {t, 7 i 47 {f B it A8
e AR RE (FT-IR) RAE VLSRR H 450 E B, 1F
B2 (b) 1, f7 T810 cm 'FI1890 cm '4b ] Wy Wi I
Sk 95 T PE R IR [ I U IR B 1€ [20]. 2 F1637 em '\
1570 cm 'f11463 cm "4k 1) 5 5 K W Fvey M
1416 cm "4 (9 15 5 I8 Fven[21,22]0 B 4h, f7 F
1248 cm 'F11327 em ' 15 5 A B Tve 3K
Ve nioyc[17,23]6 H2F3000~3500 cm ' Kb (R £T 4h 55 14
BT vou My y[24,25]. % T UCNSHIP-UCNS {7,
AT 1463 cm 'F11637 cm 'ALHIE S (ArAAJE T C=N
MC-N) 4> 5mFs 21466 cm 'F11639 cm ™' 4h, fir
F1570 cm ™ 4b (1) CN 24 3R o1 (1) C=N17 5 0 50 P W 2 P4
%, FHg-C;N, LB Ihi F14[15,26,27]. P-UCNSH
WFILEIRS em ' 4b L T B I AFAEUE, A8 T W R
HF[28]. PW 2 Al££1080cm ™', 984 cm™'. 890 cm™
1798 cm ' Ab H IURFIEHR BUEE[29]. PW,, FIP-UCNSI¥)
R T ARG E PW ,-P-UCNS [ FT-IR St i & o i
W L, EREERUY: O g-CN, L FIE. i1
b R S S5 B DAL P-UCNS; @ PW , il D) 7138
TP-UCNS#Tfi; @ PW,, 1 Keggin &k #I7E 745 5 1R 12
Frook,

B 5, FPW,,-P-UCNSHEAL 7 147 XPSERAE. 1l
K3 (a) s, P O N. WARIC TG HI15 5 435 i ]
.o PW,,-P-UCNSHEAAIFIC 1s XPSHIEEI[E3 (b)) ]
A E 9289.2 eV, 288.0 eV, 286.0 eV F1284.8 eV 4ib
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[FIANFREE . Jorr, G54 6807 T288.0 eV F1284.8 eV ik
IR AR 73 53] U J& T N=C(=N), . e M s 40 Hh AN 5E
JE%[16,30,31]. LAC—OFIC—NH, & RAFLE TR R 19
ST F1)289.2 e VHI286.0 eV AL . 1EN 1s )ik
[[E3 (¢)], £ T404.0 eV, 400.2 eV, 399.1 eVHI
398.2 eV AL 4AMRHENE S ) A )& T C-NH'=C. C-N-H
BUN-H,FEF]. N—(C), Msp’ 4L C—N=C 3£ [#[32-35].
AN, BT R AL RIPW LA R o R A HE

A PW,,-P-UCNS

P-UCNS

3
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c

g
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- L B S P B L
10 20 30 40 50 60 70
26(%)
(@)

PW ,-P-UCNSEALFIHIC 1s FIN 1s itk B ob (R R R I 5
UCNSHIP-UCNSAH L3 &4 T I B mFe[13,17,29]. 7E
K3 (d) 1, MPW,,-P-UCNSHEAAFIFIW 4f XPS itk
Bl a & B T37.4 eVAIZ5.3 e VAL IR AMFAEIE, 43
FIVAJETW 4, FIW 4F,, [ HEELIE, KW GIAMPW,,
W T3 AW IRI36]. 534k, MEHIERERIPW ,-
P-UCNS {4 771 H (13 P AN REAIE UG (R A7 B AH LLPW ok
(W 4f,,,937.9 eVHIW 4f,,,935.8 ¢V) L5 & fE
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TR AEm, X2 H T P-UCNS 5Keggindt [ 2 7] 17
FERGRI S AE R [37]

3.3. EH SR

PW,,-P-UCNS (T3 TEM HETHR 5%, 715 g-CN,.
UCNSHIP-UCNS#EAT L. anE4 s, Pl 2% 44
BB RBGUCKE R, 5 2R EYORGE N (RS
215829 nm, JLESEAFIESD [g-CN AL, il %
[FJPW ,-P-UCNS N GIK - (JEFELIN12 nm, WA
SDo FHBURR TR AL 1 =F & I3 1AL fUF B 3 (1) 4% i
FEES, A FT Il A i) B 55 RS, TR 5EPW -
P-UCNS [ 68 A EE[38]. Ah, g-CN, £k #usb B
J&, UCNS[JEEIRE L 10 nm, FFH, 7551 A5
FR FIPOM Ji5 & BEAK SR IR FEAAL, X —Z R EE 71
B (AFMD 73 2|1 25 1 — 5. AT 20 WL ¢HRTEM [&]
% CILHRAFRIES2) KB, PW,-P-UCNSHH %

P-UCNS H 1L R+ 5 2 IR 210 4 T P-UCNS |,
A, @it FLER ZE R AFIE W UCNS,. P-UCNS FIPW,,-P-
UCNS B3 ZLIMgK R (I A IEIS3).

3.4, JERE SV R

FIF 5 Hh-1] Wi ) 48 (UV-Vis/DRS) #R 5%
UCNS. g-C;N,. P-UCNSHIPW ,-P-UCNSI¥] f& 5 45
R A 22 SORE I A S BT 7R, PW 5 IR WAL X 38 oy
200~422 nm, XZ&HW=0FW-0-W 410 2pF|W 5d
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BUHE R AR I BRI [12]. BEAR, AR ML AR
179440~480 nm, JXSEHI AT AN 2p LB fr a7 (VB)
BROLHIC 2p LB FH (CB) Frl#Ei[39]. 7EPW ;-
P-UCNS LTI AR KBS PW,, B P-UCNS 1%
il (5D, R EITPW,, 2 53 70 HUT (i Ak 571
Hi[13]. K HE(ahv)HXT LT RE () AL (I
BIS4), LIRA N (ahv)'? = 4 (hv — E,) T AL
Bl (Ep, i, vi E, ARMasy BRI HE. i
BREEE . ELBH BRI 8 [40,41]. PW oy g-C3Nys
UCNSFIP-UCNS ¥ E, 735 °82.80 eV, 2.62 eV, 2.69 eV
M2.42 eV, HI T g-CN,FMUCNS, B A FE A
P-UCNS [ RE 1A BB i -

3.5 fEfk TR

DL B A IR N6, 348 R ZKORH Hh S8 A 218 R iR
PRFCPW ,-P-UCNS (el PERE . fE NN LE, R ERFT
TPW,,. P-UCNSHIAFPW,, 1 # 5 1) PW ,-P-UCNS i
eI G R YERE CREM I R AR S5 R B S5 AIST i) o

K6 (a) &7~ 7 PW,,. P-UCNSAHIPW,,-P-UCNSTE
KT S o0 2R R e MR AL IR E 1 . FEAH (R 1R 2% A
T, AT TANRIDGAER ) E RS, 5 RER
B, ARIIPW,,-P-UCNS ) e M EHE T2 hE J P Foik
HEAT o EE X IO B S A7) 2 TRI A AE B W B
Myl @, e AR R BT RS ST B FE0.5 he
JEHE2 hE, G EEATEERIIT 9. PW,,-P-UCNS >
P-UCNS >PW,,, 453 %EH, PW,-P-UCNS BA &=

(d)
& 4. PW,-P-UCNS (a). P-UCNS (b). UCNS (c) Fil{EH{g-C;N, (d) FITEMA.
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HeEAATEYE, R R N58.3%, RHREIESE
PE999.5%. WA, RF T AFEPW,, FE & XPW,,-P-
UCNSEPERERIsZm . WiEl6 (b) FrR, BEEPW, M
WERIN, KEEERRAE BT, MR B R kR
I PR AR . 256 25 RS O T2 11 26 A 56 R 2 FR I 1) B 9%
PE, HRELPW,, E 8 N34.8% (JRESHD KIPW,,-P-
UCNSHEAT Ja 2L e ALtk Rk (LES8) . i#k—25
H4 5l % FIPW ,-P-UCNS [ S A b S 7% PR 5 SR A 4l
WG PEAT L, SRR, HRIUHAR
At (WESD. #HI%&HIPW,,-P-UCNSHALF HA LT =
AT O RIEFIK, &S RRSE
B R T o] RE S e s @TESFN IR N6 T (B
IR JE S RO BEA) SRS S B8 H bR =4 Al s An

- g'CsNA

—— UCNS
—— P-UCNS
— PW,,-P-UCNS

—PW,

Absorbance (a.u.)

] v 1 * 1 v T v T v T L)
200 300 400 500 600 700 800
Wavelength (nm)
& 5. g-C;N,. UCNS. P-UCNS. PW,,flIPW ,-P-UCNS [ 48 #}- 0] ILi&
SO .

1004 Conversion Il Selectivity
=x
>
Z 80
©
HY)
3 601 =
©
=
®
s 40
2
z 20
S
O =
0 S S
@ @
eo(\ Q$ N Oe Oé
N N
3 bl
N2
Q$
Catalysts

(@)

RN @5 tre @t AR, A
FRAAE

3.6. SR I E A

S PR A7) ) A R A MR VP M R
AR . FEARTE T, K% (I PW,,-P-UCNS {46
FUFH T A 2R R A OB, LRI Sk a7
(@) iR, BESSTAIGINIGE, KPR 31 e AR +F
ANAR T A R ) R AR AE3 IR A JE s N B N T
SITIE VIR R IR R, e A R S SN S
AT B & 45 5 T 5 T R SR (ICP-AES) 4
B, DAWREPW 2 BIE AR PR H. B RS
KR, RIS FRE BRSNS KA. o,
I FT-IR. XRDFITEM 2534 T B [F L (P W ,-P-
UCNS AL S5/ AR ST I 78 . Wil 7 (b) Fiow,
R PW ,-P-UCNS AL AT SR PRAF T IR oK 544
HeAh, EET (D, RS A E TPW L,
Keggin &5 1) FIRFAEIE, 1 IPW,,-P-UCNS R A A= W] 2
HIEE M. DL BRI, BHTIES S IG5 )5,
PW ,-P-UCNS ()3 14 FEAI AT i A T 08 PR S 30 # vh i
AR AR e 512, FF B BT % B PW ,-P-UCNS 7]
DLESEHEAT 2 /D SIRIEIAE R AN A2 BE 2 (1) TR 50
FEE R AL

3.7 el L
DG SR R BT 73 1 AT R e A% A R T L

W L P R M [4]. ¥ 5, FIBRAS  H 3
~ 100 4 B Conversion %electivity
3\/

Z 80 I
g

3 604
©

@

c 40
9

2

g

S

(]

)
ooe
8

20-,I I
0-
<

[
N Vv )
@) 9
& S &
NN Q,oo ¥

R S & R
& & 3
& & < &
Different PW,, loading
(b)

B6. AFEJafEA (a) FIAFRPW,f#E (b) [IPW,,-P-UCNSLE/KHF H ()4 I EE G0 R RS e . PW,-P-UCNSIIPW , fi#k &
34.8% (JREDHD; PW,,-P-UCNS 1 [{IPW , sk 8 4 13.7% REDED; PW,,-P-UCNS 2[{JPW , sk i 422.6% (JRESHD; PW,,-P-UCNS 3
IIPW,, FLa T R46.2 % URESBD. R 20 mgfitbF], 10 mL7K, 0.1 mmol 5EHI i, TR 2 h,



EZZ Conversion Selectivity

100 1 —
= N NN
S \ VN §
"N N, o
2 80+ N N N
= N > o )
9] 3 N ) N )
% 60 N N S N .
o - N N N
N N N\ N
T 7 N 7 N 7 N 7\ 7
© N N ™~
c 404 \ N N N N
o N ™
7] N : N 3
:>:) 20 - 2 / N N
o) N\ N N
o NN oy
0 .
st 2nd 3rd 4th 5th
Consecutive cycles
(a)
Used
S5
8
@
o
f
©
=]
g Fresh
C
o
'_
4000 3000 2000 1000
Wavenumber (cm™)

(©
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(b)

Used

Intensity (a.u.)

Fresh

26(°)
(d)

B 7. PW ,-P-UCNS XA MIHERIE A VEREE (). PW,,-P-UCNSHEAL A TS I TEME (b). FT-IRJEHEE (¢) MIXRDIEHERE (d). RN

. 20 mg AL, 10 mL7K, 0.1 mmol 4 FEE, )T HESI2 h,

DA PEAN BT il 45 (1) P-UCNS FIPW, ,-P-UCNS St 46 71
AT B AR R . E8 (a) fian, P-UCNS
FIPW,,-P-UCNS [ 't H 3 1 B2 7] LAE 5 A S e & A Y
HEIIAR A E . PW,,-P-UCNS i 44 771 (1) ) F 37 o 2
(2.52 pA) EP-UCNS (0.66 pA) 13.81%, FHILEMHEL
A& NPW , BEWS7E — @ #2 B 4wt AR BUR T 1
B FEEREE S BINBIPW M NAE R o T 24464
BRI T RTF A NE A . A, Uk (PL)
HERE BT A - R R AR, ESIfT
7~y il 2% FIPW ,-P-UCNS AL FIAH L g-C3N,« UCNS#I
P-UCNS R KA R FRE &%, RE5BS0H
TR 45 SR — 3

B f5, R BB PUIE (EIS) Xf b4 f 1 Al
2N o B R AT W TR (2] AT 5 A R 4y 8 2 R ]
DL I Ny quist B (1) B 428K/ R S ORE, 23] ) 42
R /0N DU R A A # BEL TR /D, DA L T I R R R )
[42,43]. MELP-UCNS, PW ,-P-UCNS{# 4k 7 s H
BEE/NRER, X EREPW ,-P-UCNS B /NG H
BELPTAN S & 1 FLeT 2 B RICR [ B8 (b) 1. HIRSE AW,
PW,, (51 NA 0 s 1 6 A ) 1 6 AR 3R T 43 25 A

N T ARFLPW ,-P-UCNS AL 1 28 H i S AL
RIFIHLEL, (B H IR (ESR) SR INZE FHAE A
WRLRE AT BEFE BRI PE Y . 9 (a) P, fEE
TR AE TR M BURF IR A 5 o AECIRSRAT T, £EA4F
FEPW ,-P-UCNS AL I BE i iR & b, B T o
FEHONT D1 D1 LY SRR, TR TS5,5-
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