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JURYTRLOE N

1.2|= HERE[13-14]. EIKEE R SR, g CN, 3 5 4% A1 53

HEMAE (H0,) ZEZ. il Tkl IE
AT b 5 A A ik 22 5 2 —[1-3]. 4, H,0,2H
TR E R ST RR R (R  AE AR I 4] 4% B HLO, K HILAR
Az 7R AR T RE R A AR R BB VA [S]. HLO, IR R A A 7= A2
H,O, A FF 82 & il it — /S TPk R A0, & mT DA 32 PR AR
H,0, 18 i LA 5 KPR B b sk /b 22 4= 1) i [6]. feilr, i
FH & 38 B 6 HE A RIZE BH OB 3R 3N T 7= A H,0, & S iF 9 4
M[7-8], FFOLMEA RS R ALY (Tio, f1BivO,)
[9-10]. & B AN E (MOMs) [11]. &R ERKE
[12]. FsB% bR (g-CN,) E¥kiE AT 1,0, Ktk
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oM R AR A 15-18]. RAE Wk, JEIEH g-C N, 158
I AT DGR ST B A FR ik rLer B2 A DR RN 2 7
BB P T (Qe7) S48 % Bk 2 1 i 731
B, BB R TF g-CN, 78 H,0, A2 7 i (R 6 A AL 3 1 i
N SRR TS 1 FK 55

PARIE, £ g-CN, I NBRIE CEURIBR TR0 AT AL
FEEE L HO, 7 42 [19-20]. HAKT S, ¢-C N, H K
N ZS AL AR A AT LA % 7 43 A 45 1 LA FH B8 22 ] A,
I, I E] DA N R TH A DU RE SR SR TS AT A [21] .
un, @I KOH 4 Bh s ZAT IR SR &, K U e A i 5 5 |
A g-CN, LARE R &5 i . N5, VE W AR, &k
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B3R U W] DA i L7 2 8 1 5 3R THD AR i 7 B FR) FRLAT
f1[22-23]. BRKOHAt, HAthK 2hEk Na #hm] LUdd wiF 7
X AE M g-C,N, AR i H,0, (7= 5, RIS MR T 5L & i g-
C,N, 55 5 g-C,N, WG il B A & i [24-28]. ol B e ek
FACHR T IR ST DUBEFRE a0 R . QOF= £ [ N 25 2 1] A
il HLAuf S A s QIR N 23 A7 1) L A7 AT DL 3 B A0 Bk 1) e
Bl Q& BB ARSI NB T THRTERE: @4E&3)
EECNEF LR R CE (O,S, P) Al LUK 58 o fif
R ERE . %7 IR O W BE NS K N BREE 5I N g-C N,
W, ER R T AR B SRR 2 B R I E L. 1k
4, AR E A ] BER DA F e fE . &
i, CAHE T HBEMIENZA (NH N2 260D 5
Wil g-C,N,, Hr, NH, AR 6 WOk AT 40 55, 1
N2 AL BTG L [29]. N3 A& i — P N 24, 78
JEAEAL NO I HEFN Y6 k H, A4 7 p gl il i [30-317, 12
SETENMEL H,0, 2 77 o 1 A 43 BB 7T

AL FERIE T R BIEL RS (PDS) HHEh
VA RIS T ke A P AT N3 BRI R A ALk . RIE T
g-C,N, I NGREE, FHWETE T Sk g-CoN, IR 6 P g
Hifrr AL PR A PR PE P T Bk 4. B, R TR
G it PDS 153 N3 A0 i AR AL . H,0, 47
WEIER W], N3 0 1 U g-CN, R I HE 0 B 19 77
H,O, i, JEJRUA ¢-C N, 1 4.5 1% . TR IE i1 67 B B i
B 1715 9 7 i g-C N, HH I N3 A4 gl 1 — Fhor 85k
W, 0T R A S R e AR B B

2. K3uE Sy

2.1, A7

iR BE BN (Na,S,0, 99.0%) 1 %t # i (p-BQ,
99.0%) M H gk THFARAR . =ZRE0. O
[ #Tik7f (ARD, 95.0%]FIFRIREN (Na,SO,) Hi Fifg# o
MAEWRH B A IR AR R, ZBE (99.5%) FIRifL 4
(KD W5 EZE B A AR AR . FEE[MeOH, &
RO AH (3 (HPLO) 1A EE (IPA, HPLC) W H L
GBI R R A T o A SLb 8458 R 70 4k The
ARAERA R Milli-Q REEAE 4K (182MQ-cm™).

2.2. AL T

EE R, ¥ 10 g =R H 5 0.33 mol Na,S,0, &
&, BRI HTEE 30 min A I8 A1 I RTIRAR . B iZ IR &
FEG A LLS °C - min™ f N GE 2N #4 % 550 °C, JF
TRFE2 he K15 201 [ PR A BE O B 4K Pk, ARG

60 °C T T . H4 I 1SR i fin 2 5 20 i R ER B4 1 g-C,N,
(SPCN). HRERH#NI5 24 1 g-C,N, (SSCN)K FH A [F] (1) J5 4 il
%, Hr, 10 g =R 5 %5 0.33 mol BiFRHN (Na,SO,) i
Hro JRIATH g-C N, (CN)J& Il i AH [F] i) 77 5 45 11, A A
= IREEAE AT IR

2.3. RIE

X H&ATS (XRD) 1% 8 A A Cu-Ka 58 55 1)
Bruker D8-Advanced X fiT#f 1% (f[E) KL, (FHMH A #
LA (FTIR) 63 B Nicolet 380 Y6t A% (S5 [ i3t
KA BRI IO 25 038 1 e BB (SEM, H
A, Hitachi S-4800 %5 ) M 8. X & £k B 7 g 1%
(XPS) i ] Thermo Scientific K-Alpha J:i4X (£HE) #
fE. #E M (TGA) 7EFEI ThemisZ (&) _EHEAT
8, BMERAAS G0mL-min) FEL10 °C-min B
FINFKE] 550 °Co EAM-F] Wi SOt % (UV-vis-DRS)
TERC % A P BaSO, 1E N5 % AR 73 BRI\ UV-2450 7366 B
it (HARHE FE2, O HEMM (TPD) 732K
KR BE B ESCALAB XTI+ R 4E . i A H G 3G 3R
(EPR, Bruker A300-10/12) il & 26z, 63kt (PL)
R 6 THETE Hitachi F-7000 % 96 73 66 & 1 _E7E 355 nm (1)
PR WA N 3RAR o Bl & FF 5 1 zeta HE A7 8 1T Zetasizer
Nano ZS90 74 CFRED HEATMIR . b2 R N 21
T LB A R STER 3o

2.4. J6HEAL ™ H,0,

FECAEAL I B 2% FF R AT T 7 H,0, 5556 . J#%, 25 mg
Je AL 7 4 B 50 mL TPA/H,O VB &40 (10/90, V1)
SR G 1% 2 R R S S mine YGUE N 300 W%
LED (CEL-PE300-4A) J [AH} {4 F 420 nm B 1L I8 F s
H58 M 100 mWeem™ R ERED . 7B M FEF, #F
BRI AN RN O,y0 BERE 10 min, I HCRAE H 18
0.22 wm Millipore & JEAHLIE . AL Ah-1] WL 53566 FE 117t
IR E H,0, R (LR s A IS [32].

3. ERER5IVIC

3.1 HEALTI 4544 540 5 4Rk

Wik % A TP S2 Fizn, SSCN Al SPCN B 5 JF 4f:
CNAMHLRIE A . R, T 75 #4b 21 F2 # Na,SO,/
Na,S,0, 3t it #h A0 h %, 2> H B £ FL&5 M RUHL RS R I [27]
BT ) £ ) BAL TR RE B i XRD SR 1 (a) 9@ R AE 13.2°
F127.0040F P ANRFIEVE, A JE T 2L (1000 Al



(002) dhlfl. HIRIEEMBAHLL, £ Na,SO, 5 Na,S,0
AR, PIANIEAT R IRES . I, B 59 tri-s-triazine
HG (1000 f¥EZE (002) HESRPEMRESLREF CN
A 5B A G R [33]. B TR AR 10 & BRI,
Ik XRD B % A HoAth R B BV g . SR, 7E SSCN
HTSPCN ) XPS I E 65 R I T 55 Nals 55 (JH A
HEIS3), Al R R T G R & =51 T M A
RS, 5 RRIEA R LA B FAREE T+
WIFTIRGHE[E 1 (b) 1, ££900 cm™ H11800 cm™ 2
R T 24N, EATNRNT ‘Melon” 4515 IC 5 7
HIE (N-C=N) g IR W BI5, tri-s-tri-
azine B G PR R B I R B2 (IE{E 7E 810 em™) FI-NH,
TP (3000~3500 ecm™ 2 (8] (806D Y5, 1 —
XFRT IR (—C=ND BT BIAE 2177 em™ Ak S50
B, REEHE T melon B J A 5n—C-NH, i % T 746 7E CN
N T -C=N %,

3

HHNCMO/ICE T (RS LLik— PR
Na,S,04 U1 XT g-C;N, (520 . 5 5k CNAHEL, 7E{EH
Na,SO, 5 Na,S,0, # T} fl 5 & /5, SSCNAISPCN ] O/C
EL #8442 . SSCN Al SPCN A6 il B 2R 81 O/C HL &,
F I R ER AN AN 2 LU IR BR BN 91 N 2 [ 4% B CN &5 44 1
IE4h, SSCN A SPCN Hf ) N/C LE PG . 2% & 21 3 1 T
FRANBEIEIIN 412K, BAT A N/C LB 1) SPCN AL A fi i %
EIINGFE[22]. AT e NSRRI, 087 T Nis fil
Cls IR PR XPS BT (o, (D 1. K1 (o) &
I8N N1s J i3 A = ARFAE I, ALFE sp? 2440 75 & & (CN=
C,N2.) 7E398.8 eV, FAE[N-(C)3, N3.]7E 4003 eV, LA
KA G5 A R FENH, (x = 1, 2)7E 401.1 eV [34]. WA 1
() (O Frow, B8 3k Sk 77 E AL IR B B2 1) 52
M 77 5 BN [F) N S 1774 . Ik VBT, A1 fE N3 Al
NH, IAH % 2 BBl 25 N2 38 i s b, 1R 5N T 5
Z I N3 A NH, AL A& N2 47[29]. SPCN H1 N3 [
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FHN10.14%, KT CN (14.10%)F1Na,SO, (14.08%), #*
WIS iR #h £ SPCN 5 3 1 K& N3 AL,

WE1 (D Fras, JBIGCN K Cls X 384 i 5 BN
286.4 eV (1) C—C # A1 288.1 eV [ sp* ik (N=C-N) [{]#§/>
FEAEVE[35]. X TIE4H I CN, % BT C=N 8 C-NH, § 1)
S T AE 286.4 eV [28]. SPCN 1] 286.4 eV I 5 & & T
SSCN. #4fE N1s ) XPS 252, SSCN #1 SPCN H NH, ] 7%
ML K, SPCN A EL SSCN &) C=N & &,
iE 7 FTIRGIE[E 1 () JH R A HEAEAESHER
.

3.2. N3 BB T

N TR AU I R R R N = B U A R 4 T R R A
A, BT T E/SHIE (TG/DTG) LI A RFE i il
I PRI SE PR AR . BRI R Eh Y 4 R B S 180 °C,
K2 () RGBT, {H7E210 °CZHi SPCN kA
KE, XEHTHLA# (0-0) M=REFE-NH, 134
Z BB AN VB AR L P R AR E T SRR #h

210 °CA 7 i [36-37]. Pridi s U H ILLE 210~318 °CHIIR
FEVEHIN, RU=REML MR THEMAE & KA
ZIREEVE R N [38]. Hh, WAERRHB AN =AU T
R RIS PHAS RS NH, FIR BRI SE B, (R
R /N o TRIEE, 40 P T A g ot 28t 40 1 22
Al AHEREREN IS A 0 = R EE LAl = R F L R EE
AR, 3 SREA BB ER T DU VR A 1 3K S LA A T 5
UL B AT RIS e Tt [24]. R BRIRER B 2 =
SR PR AR, 412 °)CAEIEA B — A B Ok
B, XEMREHE— R A R SPCN & 77 4 & A A 1/
TR o 5N ZRENLH] g-C N, 1 LA AR S L
RS T E 2 MR EME AL

[ A PC iR (NMR) f7%, SPCNZE 156.4 ppm
H164.5 ppm AL A WA £ F U, 53 51 %5 BT LR LT
C,N-NH, (lg1) FCN (I2) KA E2 (b) ]
X U5 B PDS il B 3 ff 5 G i B R % A 0 B R 1A% 0 2

Fy[26]. 1E5E, 7£115.8 ppm ALK I T CN B 2855 F ik g

RL AT XPSEE AT HAEA o NI C LA A1) 5
N coordination type content (%) C coordination type content (%)
Catalyst N2, N3, NH, c-C C=N or C-NH_ N=C-N
398.8 eV 400.3 eV 401.1 eV 284.6 eV 286.4 eV 288.1 eV
CN 80.96 14.10 493 19.06 - 80.94
SSCN 81.80 14.08 4.11 27.68 2.34 69.98
SPCN 85.73 10.14 4.13 28.05 6.28 65.67
01 NH: —— SPCN
E =) X
E F A} N
S 4few 412°C = 1 35
S || A 3
= £ 2 2
2101 Tamporante (0 ) € 2 kS
T2l o ”/318‘0 3
S’ _14] —SSCN g
— SPCN
-16 T r v . r T T T .
0 100 200 300 400 500 600 100 125 150 175 200 3460 3480 3500 3520 3540 3560
Temperature (°C) "3C chemical shift (ppm) Magnetic field (G)
(a) (b) (c)
Melamine Oxygen-induced nitrogen defects SPCN
e S N | ;
ol SoBee s e
N| J\\N J\N/]\N/ N%I\N/ N/l .ﬂ\ /L ;N/ = \.L )N\ ;N_
i ST SN S 318°C P 412°C TS N3 W W
— N SN — ~ 4
+ Annealing )l\ )\ J/\L
treatment N e N
Na,S,04 ‘ = N) i (}Nic, )“
- + _ NN
NaNO,

B 2. SPCN % A i e o N3 2 2 (% B o
(& EHRRRIH B AR RS

=)

(d)

(a) Pl £ ML A TG/DTG #i 2% (b) SPCN [ 7 C NMR J6 1% ;
CN iR Hh N3 A5 (T B B HHE 0 2 45

(c) Frif] #4677 (¥ EPR J6 1% ¢



TRPIPP I e (I 3), X EMRAE N3 A HITE R [39].
FAFE R B IR IR (BPR) G RERFF 7T 1 0% 05 [ BE AT 45
e wmE2 (o Fiw, =MFEmiidsk 7 g=2.003 0K
B2 ES, BT OIS g-CN, 1w L HF1i I sp> 2%
Pt SR B R EE X L T EPRAZ SOBEEIL A, 21 A B
R E, X5 BRI 2R A0 3 5] N I o B
B 54[40]. 454 EPR M XPS 45 5, &K SPCN rf 3: 55 5]
AN T N3 L. R, 8 U I AR O 6T L m] DA
AL HO, 8T HR BE[41]

zeta AL 0 AT T3 — 20 T AR R TP T . 4
Bt A IS4 FTaR . 7E pH 3.0 B CN R I H 28 A fL i
(pH,p)» AHELZ T, SSCN Fl SPCN K [HI 7E M 2 F1] 9 [1] %
A pH Y Bl N 2 AT . 2SRRI T CaN N i 7
NG ERBE AR C 5 7 1) A, SPCN [ HLF
W 5| e S5 2158 [35,42]. (EAHFEI pHAE F, SPCN &ox
Hi L SSCN B IE (1) zeta A . ARIEICE BLST 700 (GRS,
AL LAE IR H A IE HELA ) Na A7 ZE 58 70 4594 7 SPCN L)
BT [43]0 AR 1T 1) B8 22 67 faf o] LA 5 O, [
B DL BE IS 5 HO R RS, - AT 3 HLO, 77 A2 [44] .

SPCN 4 B 2 HH ik A g 615 5 1 2 T e v s =
mE2 (@ Fiw. ERENE—LH, BIRFINAS N
IR BB R P e . )5, ERAEIENE D
o, -GN B ZE S T B LU i iR i . BRIt 5
SSCN#HLL, 1ZiEFETE SPCN =4 T 8 2 sk . anfE 1

5

(e)v () Furn, ZECN _ERWEAE SN (i) T
DAFE Eh A L i S S S e A N B (AL 50 o dad i
45 EIREE, g-CN, SRR R4 T 2 stk
fr i, BIN3 A RIS, T 6l H0, A,

REHT 25 M R 2
S SRS X AL HO, ZE PR M RE B e B, &3
(a) H [ UV-vis DRS Wit i85 2 B 4 16 77 78 7T ok X A
A RIFHIRIL. 5 CNHIEL, SPCNATSSCN #4875 Hi W it
ZLR%, RUDH AT WO WO BB S . SSCN A SPCN £
WS X S ZLRE T B, SR NBRIG A 450[22]; FEH
SPCN £ =M i HAE BT DO DX s HH e v FR IR .
a T (E,) 1 Kubelka-Munk b 7 5 UV-vis DRS #{ 4
THE (R AT S28850) [45]. 2T Bk,
S REME S LR RE A I N GG FIE S, SS-
CN M1 SPCN HGAf 3R AE /1 L R 46 CN 1 58

T BTG B 2 AT R, R A7) ) T R SR
(VB HERAMEHETRERE (UPS) W[ 3 (b) Al
AT IIEISS]. FTARERELEE G RE (B0 BTN
16.40 eV. A5, fEAFIKIDIRE (@) Wil E,,, - E.it
HoNag2ev, H, E,  RETHE (21.22eV) [46]
I @ + Eygomo 1 5€ SPCN [ Eyy N 6.33 eV X T H
). HPEDRS &4, SPCN IS4 (CB) HUM Ey, -
Egit5i3.68eV. fJh, MIESHEIriE, ¥ CN. SSCN

3.3.

2'2 Con27sev ] —CN1.96eV _—20]
- ¢ 201 _sscN269eV fF ——SSCN 2.04 eV LLI 1. -~ -
S 215 —SPCN2652V —~ ——SPCN 1.92 eV T -1.5] 133V 121V 129V
< Zi0 > % -1.0
8 05 / < 2 o5 0,/0,
= 0 = B} >
s fid i s 2. 73 V 2.63V 2.65V
o 18 2.1 24 27 30 .S i
§ v (eV) g g 0.57.. [ ... NS B 0,/H,0,
< _CN - 6 1-0-.... ......... . . HZ/O/O
__sscn o ;g 140V 148V 138V
I ¥ .01 S
SPCN B oy Sy, &,Q%
400 500 600 700 800 -4 -2 0 2 4 6 8 10
Wavelength (nm) Binding energy (eV)
(a) (b) (c)
_ Onpt — CN—SSCN
« 1 — SPCN
£
~ S
S <<
s 2 81
z 517
£ wona’ = CN ]
F « SSCN °
s SPCN o '\'
350 400 450 500 550 600 5 0 5 10 15 20 25 30 35 0 50 100 150 200 250
Wavelength (nm) Z (kQ) Time (s)
(d) (e) (f)

B 3. & BRI TEREA B T REM 45 M . (a) EALTRI B0 5 Ah- 7T WL A #E (UV-vis DRS) o #fi B 7R 742 ¢ 5 ) Kubelka-Munk & %%

W)™, Hordt, o RIS EL Ao E MRS v TRER () BIXTER. (b) SPON BIERAME AL TAE
() HALZEMEAFTIE (BIS) Nyquist P, LK () AL LR E B .

¥, (@ BEURE (PL) ik,

(UPS) iR, () figTiss
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I SPCN [ Eyy F E e 45 AR TR0 A Ak (RHE)
HALSERES, Hd, 0Vvs. RHEZST-4.44 eV (vs. %)
[47]. EZAEATIMREHEINE 3 (o FimR.

WHRECRE (PL) HIE[E3 (D JFR, JEihg-CN,
7E 465 nm Ak IV VAR TR T Iw - E 6. 20k
S (R 9 CN > SSCN > SPCN, IX 75 R 6 4 2 et =
JeAE BT SO 2 B Re 15 BIFR . I R IR 4058,
O CN B BRI /N, 5 DRS 45 3 —%([44,48]. 1k
Ah, W3 (e) Fizn, SPCN FEIS &R BEAR S e T L fif
IEFE 2R (M3 AN R T H A5 A PR L I RIS, XA R T L far
R RIEE[49]. HIER| LR F S, XA RIAE T
FEEANN AL E L A AT IRAL A

N T DB IT N R 6T BT )£ R R S M R
me, AT T BRSO R R, ARG SRR
BT HBIEE ). BB R RIRRHIRAE 1R B 2 2 Rk
gE g, S yE s IT @ F: SPCN > SSCN > CN.
SR, E R WO B SR SPON (e I % B (el
0.315 pA-cm™) 43 %l Lk SSCN F1 CN K % H ¥ %% &
156 f5F 31245 (E3.13). [k, N3 AR5 NEFF
g-C,N, FJHLAT 43 B o B T/EME AL TR b i) SRS A s A7 R B0
SMEHT, R GRMPICEE I X FBOLEE TS
6] 73 B Uk /0 [50] CHRAR 2 A B Ak 2 A 1 VR 405 B o
TEF S A S3 #6430 .

3.4. H,0, 4= B fhe A

K4 (@ SR WEHS T (A =420 nm), CN.
SSCN Al SPCN (1] H,0, ™ & [ I 8] 3 < 3 26 4 19 Jn .
SPCN 1£ 60 min P 23 H = 4 701 o i v ARG I AL Vs 12
FHEEZ R, SPCN /™ 24758 161.8 pmol-L™'+h™", &
EECN 4.5 6. 5 A a4l B U i G AL 77 A 1
AeAHEL (% S2), SPCN W AL 5+ 1 )6 i A6 H,0, 4 1%
o BbAh, H,0, 7T BLIE ] WOt HRG ~ 3 B AL ik A R0E AL
ARRFEIEE M GOH) [21]. W H,0, MM EE (k,

pmol-L™-min™) FI 73 i iE % (ky, min™) Z 8] 325 38
FrifoE 1 OGHEAGR B H,O, A RABUKREE .k, (R3]
15D Mk, (—2EN71%) WA HOE i K s A
MES6 (a) FrnitHO, i EHIRMA B A XA iH5EA5 H
(1) (oot B AR ) «
[H,0,] = ( / k) 1 [1 = explkt)] (1)
nES6 (b) Fiw, BRI g-C,N, (SPCN)
() ke Al &y 53 328 3.05 wmol - L' - min™' #10.0043 min™'s 5 5
5%, SPCNRILHBACM kME, B/RA H,0,H15) fift 52 2
TN, X AT RESE BT SPCN BE 7 12 207 B 1 Bk 3 AT 8
T R IEOR AN R PSR A B HLO, PRI 53 i
IEWRE () Fritiik
H,0,+e —> -OH + OH" (2)
W4 (b FioR, A% H,0, 4 B R0 15 28T 7T
TEFESEWRRSAE T, 1hHH,0,7 % M 161.8 pmol -L™'-h™!
(A ) W $052.7 pmol - L' -0 ML R, it O,
SRR, H,0,[7F I3 194.7 wmol-L7'-h™'. (A,
MO, %M T, H0,/ B ESEm, KU O, KM
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