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Abstract

In this paper, g-C3N4 with high N content was synthesized by thermal polycondensation under N,
atmosphere, and then a GO/g-C3N, interface composite was constructed by a hydrothermal syn-
thesis method. Finally, according to the synergistic effect of Fenton reaction and photocatalytic
reaction, Fe;0,/GO0/g-C3N4 composite photocatalysts were designed and synthesized, and applied
them to the degradation of RhB, further explored the photocatalytic degradation mechanism of
Fenton reaction. The experiment also found that increasing the N content and the GO/g-C3N, in-
terface effect can effectively improve the photo-catalytic efficiency. In addition, the composite
photocatalyst loaded with Fe;04 can be separated and recycled by external magnetic fields, which
facilitates the practical applications of the catalyst.
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1. 3]

AESR, NEAEBIEKP AR, BUSMAEEYR, MR T2 H MR, a8,
REHGE . WL AR ERE . AN EAIE S TR B T RK IR . SR, IR R H e i5 e
YN —Fp A AL B 5 — A ot T HOlE 2 7= A IR FH A I[L] [2] [3]. SeHEAE ARSI =2
—FAEE AR, LRI AKLEE AR, RN RFR TIRZMOGHEAESEME, =8k,
AL, SRENMRRN S5, ORI VERF AT, S0 RSt B AU =T RCRIE, JER
THZRMEE S, JeFm S E A, DL AR R RS, XA RS T e ERNLE
K AbER A B R [4] [5] [6] [71-

g-CaNy AE R AL U B TARL, BT B S 25 0], Fi— g-CoNy MOEHIDG A BRSNS 2 PASE
R TOWAGR A, itk BFFREATAER TR 2 IMERGETT g-CoNg DG HEAL IR BE8] [9] [10] [11]. —J7THIM
H M TR, W R g-CaNg I N A&, 5 N Z &1 g-CaNg AHELIFIE g-CoNy 5 = A5 35 45 5
(1) WTLMEL A 2RI C-C By C-N 8, SOG4 HT - B ERE: (2) MR e
BREIER TR (3) FRERERME C 261, 7F Fenton N {2 H0, M [12]. H—1H, F 5
W2 I E BB R GO EAIE R EZ I E, AR R SR, E AR EATI R A B
AR NG, (R AE T - BN B, SHRAERE SRS g-CoNy A R T
T PEREIISCEE, 2 PR & il 2 e AR 2 R34 P

Fenton AL ARTE & —Fl LB RGA M /K A B EAR,  [Rlth, B A 1550 6 B AR 5 Fenton
RIS G, TABCKAME, AR SRR BEROER . M AIE LRI R E, A KESCRGE X B A A
2 IBEAEAE L W FIAE R, e B, HE Ak 77025 R 256 Fenton SRR AT (RE3E1E Y, 76 %-Fenton [ S 4R & A,
WM EANRK, JoRlE K S RE TR BRI I R S 2 AF T 3T, ASHAZ4E Fenton [T pH 452
K EL BT Z[13] [14] [15] [16].

FesO, fe —MiVERESF, M7, RUAMRARHIBEALAIRL, B RA R AL, FesO4 HIXFh
JNHAREERERE LA B F AR SRR IR, XA n B SRR p B SARPIME T .
BRIE FesOa T +2, +3 WFMLET, B Fe? Al Fe®fe NI ARAr B FIAL TR FHF PR, B aT

][l
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DAFER I P AP EAGES TR A 78, BTLL FesO4 IC B AR R F M. BRILZ AP, FesOu fER WG N EA—
SE G, (A AT 2 SRR SO AR, AN RFIHERBANERmEM. &EEEmn
AW AR DL B 5 e AR A & 4TS P AR DR S5 B AR RS2 151 FesO, HIDGHEALIE 1P [13] [17] Zubir
S5 N[18138@ T il % Fes04/GO K E G KL H0, TR IEM AOT, SEEKINL, Fes045 GO ZIAAELE
PRIV BAR A, PP B R RE (2t AOT IIPEMR, AHLL L — FesO4 AEFIAHIE Fenton S FEf# AO7,
BEM BB ARSI R T 20%. 252 N[191R K #3kii % 7 GOIFe;04/Zn0 41k, il il
Fenton & RIFARIRNY, FHRA THAFIHE, HO #INE, Ry pH K20 BRI, S2
I W 4 AL A& A 200 mg/L, H,O0, & A 12 mmol/L, pH = 7.2 1444, % Fenton FAfR 5 &
W% 88.85 mg/L 112Ky, 60 min [EfFEAR AL 98%. T /NESEN[L7]H145 T TiOo/TisColFes0y E &KL, 15
WK MXene #1815 Fenton iXFI45 A G Fenton 1k R, RAMELRS RIFMRIER, U@L
Fbdm — IR IEICRI T, SRIR B, ek Fenton BRARZRRE I ZERTTIAH] 91.3%.

TERRAM R, EAb A 2205 (GO) R B A 57 i ML 2 M ORI 5 PR T, TE 2 B A Rk 1) % 1) 4t 4%
ZEEF T IR[20] [21] [22] GO & —FPFr B H) ek RE, FLERM AL LI &6 £ 8 MR R A,
AT AR 00 A (Vs R R G I, [N I Sk AR AR G A B 2, B AR e i e 2 A A RHE A
BZHLE. FE, GO RARKMRMBAK &M TIER%E, afLMERN—MESE I BEAF, A
AT DR i #5810 5o B BR TS e i B A B AR R T SRR ERINIA BT . B T BRI Z 4, GO
M B 5 0 025V TR (WU B 07 ) R e R (R %), XL AE T4, F M R S 5 TR
Tz B R [23]

FEARSCHEFEH, AIRE g-CaNg MEREHF e tb e e, Wit & T — M = ek B &6k, iz
7 FesOqv GO FINCN (71 N &5 g-CoNo)ZH e, F T Yl RK IR . SRFKIGE, JLITRES T
BERT 4> B al, B EL A5 Fenton ZM (1) FesO/GOINCN 4k A4kl EXFE A4k, Fes0 H =1
FEMEM: (1) DR HO0, FEERIBIL T, FI M AAIE T R, ik Fe® il HO, FE G Ak 4 2 ik
477 Fenton [N, 72AE B RAALME (R 3E 1 B JE(-OH), [AII 7EMEAL TR I SE Bl Fe™ Rl Fe* G A
(2) R L EE R REYE, ARl I W o B U, PEFARIA ;s (B) MRARRI S HPELE AR Aok
AT AR ISR, (R T - R A SR (GO) WA B K I bR T AR AN 5k 1 RO AR
PE, HA NCN ZBEAHIE, AHAMELE, AR THARNEAT, FN GO WM& & rikititH, S
FesOs 25 G IFPHIE AR . X =M A BANIMEI S AE—E, RRIRF MR, MnbeEm - =
REA, [FBIEREIEIAFIR, IR — g-CoNg MRV 2 B i

2. M5 %
21. ENEBE g-CN,BHIF

AR 2 1T Wang %5 N RIE[12], K H EiiBee LS 1 N &8 g-CsNg: K 159 JRE 5 159 =%
FUAETHE IR G, BN s e, Bl SRS b, B SUP N BT 15min,  RERE AL
HIATE N, S5 550°CHBE 2 /MBS, 5B 7P= SaRic v NCN, FERTEL, 53— 20 RE% R 0 7 VRl 4%
ERAEZ TP ke, 13207 fbRidy CN.

2.2. GO/NCN B4l

GO/NCN [l 25K F /K #%::. FREX 0.5 g NCN ¥ T 50 mL 287K, [A I A BEAR Fim A 30 mg GO
YK R, BESEL2 h, RO REEREATERERIE LR NS, E160°C KRN 6 h.
SN SERR FARA E S E iR, BT R RT3 8] GO/NCN & 4418
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2.3. Fe;0,/GO/NCN £ &480%1 &

Fes0,GO/NCN [l 4 R F 3L ytieik: H 2R E 0.5 g GO/NCN & &#E-F 100 mL =5 1/KH, 8
PO 30 23 iI4E 1 SVAM, FRE 0.1202 g FeCl4H,0 % T 10 mL LB Tk d, #1143 2 SEw, e
0.3208 g FeCly6H,0 ¥ T 20 mL £ &7k, #1453 3 SV, B 1 S BIBN 60°C/KIE i b 2 iR i fa
E, 2 5 3 SERFEIREIA 1 SEmH, REWSE, ERIZIH TRNEREK, FREREER, &
FCBEYE, FHZ A Z K pH E T E 10 A4, 15301 BB 60°C/KIE FhHitHE M 2 h,
PG e, RS TKERE R, FAIKCEEREER, BERN 60°C B2 TEMMT, KT
FHI 7= i ARic N Fes04/GO/NCN.

2.4. FAEWIRAE

D8-Advance AT X (XRD, #&[E Bruker 2 &) A1 il 2 AL R B i BRI 2544 . Hitachi S-480 &L &
AP T BB (SEM, H A H 7/ )M Tencai G2 F20 S-TWIN #UiE 5 i 85(TEM, 3EE FEI AR])#E
TEREHTE AN 4544 ;- Avatar360 RLZL ARG (FT-IR, 3E[E Nicolet 2~ w]) Hl T~ 70 B MIRAE ) 24 fi
WA REA]. U-4100 BYEEAN - IO - AL L0 G (UV-vis, H A H 57 #r AR 2 =) )R 943 4 i
BARALTR O ER IS RE 71, K K TS L A 200~800 nm. 7407 FUPRBNFE S L3R TH(VSM, £ Lake Shore
N E])ISE AT S AL T IR R R B M RN A i P S S 8

2.5, SEfEREmRRI R K S

AVESCLL RhB 1K H bR B AR A 52 AT i) 25 (AL 7 G AL BE, e Ab B AR S8 R A 300 W alAT
VESCIR, JEIRGRIE 64 pWIm?, IRANEFIEE Fr JEf 420 nm LUK 954N, seieid fErp, BHL 10 mL ik
&9 10 mg/L 1] RhB BN B4 S8 BLAs . FHEHEN 50 mg ek AR, s B 2% FH A e N\ 74
K, AFEA NS FEARRREE R . TR 10 min BL5 mL W, T ROSECRIGMAT], UAERS 3 min
H— R SRR AN OCEEEINE RhB WREE: BEATAFEG B0 B, R AT o et BE TRl |
TEVRAE 554 nm &b B G ICREE

3. &R5ve
3.1. XRD RIS S

4 1 %75 CN, NCN, GO/NCN Fl1& & 18l Fes0,/GO/NCN ) XRD B, il 1 s, 1E 12.8°4127.3°
HH B AR U 53 530Xk L g-C N, FI(100) i T A1 (002) T (100) i T2 =48 = MR 45 ¥ B G )P i, 002 iy
T U ARER L 75 B e A Z I THT (A1 HEAH, NCN (51 N B8 g-CoNyg) FIRFil g-C3Ny 396 B I RFE I, (H 1558
g-C3Ny 7E 42° it — /e, X2 T45Md C-C oA s HIERUY, NCN £ 42° 5% A I
B, ARYESCHRIRIE12], XJRTE g-CoNg AAE R FEF, EEM N EFEMRT C-CHPH—AC, BT
C-N . X}T GO/INCN Z &+ kL, HF GO 7E 20 = 11.2° 411 (001) & i 4 15 g-C3N, 11 (100) i i W4 A7 B A4
T, PRLHR R AR B rh B SO0 B AR . %1 2 S 4K Fe;04/GOINCN, 7E 62.7°, 57.2°, 43.2°, 35.5°,
30.3° FLAM B2 2 B B AT S IE, 43 % N FesO4 I (440), (511), (400), (311), (220)firhti&[19]. [A]
IERATTAT LLE i, il 45 1K) Fes0/GOINCN E A4 BHE XRD B 5 A £ = FoAr kL RFIEIE, 7E 44°FfHiT
HH L)W S 82T FegOy [19(400) A THT, T ANA2: g-CaNy Z5 44 7 C-C FrL ot i) A S840 A F 3 1)

3.2.SEM, TEM RIES5H
w2 fros, B A, B2 5lf#E Fes04/GO/NCN E &4 £ SEM, TEM B, #EHOSEKR), SRR
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SHEARKARRZ kg TAPRHPERE, AL 2 hRTLE Y, AHELERIE g-CaN, FIHUIRSEH, Fe;0/GOINCN
HEMELE ZHERIRGEH, GO #li A NCN [1JZ MR, iR AT e, (8 IRE[24]; &
SRR L TAREIL R, (B2 RIS LR, fRIF BEDY SN R AL 1) LR T ARG VA il 7
TN FesOyr TIAEE AR AL — L5 FesO4 GUKBURLIY 5] 73 HAEA RL R I -

(a) Fe;0,/GO/NCN (b) Fe;0,/GO/NCN
35 } k )
3 «
N —
g z
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Figure 1. XRD spectra of CN, NCN, GO/NCN (a) and Fe;0,/GO/NCN (b)
1. (8) CN, NCN, GO/NCN #0(b) Fe30,/GO/NCN &Y XRD &[]

Figure 2. (a) (b) SEM patterns of Fe;0,/GO/NCN and (c) (d)TEM patterns of Fe;0,/GO/NCN
2. Fe30,/GO/NCN B SEM [E(a), (b)F1 TEM [E(c), (d)

3.3. FT-IR RIESHHh

KR AR SER, XTI E CN, NCN, GO/CN, Fe;O/GO/NCN #EL#4T T FT-IR
FAE, W 3 fR, £ 3000 cm A1 3500 cmt Z AN — RAVEFEIEAE O-H BEAT N-H B 1HHIRS), M
1200 cm ™ %] 1800 cm * Z [A] fjUe 9 R T A [RS8 AL i) C-N MR, 7E 800~1800 cm * 4b FRIFHAE U U] 2
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F =3 = BRIR ST K T SRR BN T 51 A2 . 7F 810 o AbFMR IS IEIZHT 58, IXARER g-CaNy I =R AT
FE LRGN, 7E GO/ICN, Fe;0/GO/NCN #HHHK] FT-IR K, g-CoNy FIRHEIEIRF HIE, 1 GO HIRHIE
WA K, SCBRIRIE[24] 2 1T GO HEA R RGO, X455 XRD B 45 RIEAATT -
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Figure 3. FT-IR spectra of NCN, GO/NCN (a) and Fes0,/GO/NCN (b)
3. NCN, GO/NCN #0 Fe;0,/GO/CN BY FT-IR iZ[E

3.4. UV-vis RIES S

K] 4(a)~(b)#/& NCN, Fe30,/GO/NCN 54N rT W18 S ALK, M 4(a)HmT LLE H, NCN FII i
WA RZITE 465 nm [T, T FesO/GO/NCN &4 K} W fieids 2k n] WLl 21 B 2. i £0#%, HL7E 500~800 nm
ARTIROE EE R R, UL GO 5 FeaO, M 5I NXF il e i R s — e it m, =& RN EER,
T AR AT WG N

2.5

12l (@ —— Fe,0,/GO/NCN
——NCN

(b)

e
©

Absorbance(a.u.)
o
P

1
IS
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1
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Figure 4. UV-vis spectra (a) and tauc plot (b) of NCN and Fe;0,/GO/NCN
& 4. NCN 71 Fe;0,/GO/CN K9 UV-vis i [E (a)F tauc AR FE1LE ()

ML E P 3 SR Tacu A ahv = A(hv-E, )"/ CL OB 2 WO a AR, R AR
FIIATBR Ege W1 4(b) T, NCN [N 2.61 eV, HEAEMEBHNANTBA 2.47 eV, =FbEHNE & &1
HAR %, AT T R BRI RIS, N ER SRR, T HORE AR 55 .
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3.5.VSM RIES o #h

w5 praw, B R A2k T AR AL R R BB AT, B R APRHE SNINREYS T R 4 B RUR
FEME R RN RE R KT 16.3 emu/g B, 5t T IE I ANINREZ AT 43 5 , FesO, Jtky FIVE AN B 1L 55 2 25.16
emu/g, SEIGHIS I =T E A GG S Z BRSO R, HARMB b RE N 17.82 emuly, HT
AT Fe;0, & &K, H GO, NCN # RSB & HiVE, BRI =08 &AL L4l Fe,0, 14

L5,

30

Fe,O,

__20f Fe;0,/GO/NCN
Ky
=
SEL 10}
c
.2
T 0
N
©
c
S 10 |-
(]
=

20

1 1 1 1 1 1
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Figure 5. Magnetization curves of Fe;04 and Fe;0,/GO/NCN
[& 5. Fe;0, 1 Fe;0,/GO/NCN B4 # 1) thsk

k6 Fron, fERAIMBIERLER, SCHEAGRERT B SN, IR REEAT R AF fRE
BPERE, VAR GR KT EORAE, SEI0 R RIS ARATIA 91.2%.

Figure 6. Experimental preparation of magnetic reference sample
B 6. LI EH Mt SRE

4. JetEMERERIR AR o4
3R RNB 1E )y B RRIRARA, 767T IOCIRAT T . St P RE X RhB [ RARAE SRS 0 BT 46
FEAT (R HE AT <
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WK 7 Bz, NCN (51 N A& g-CaNy) Al CN (%3 g-C3N,)7E AT WL RS T 60 min XF RhB [ F#fif 2 4y
BN 72.7%F1 63.2%, B N %] g-CaNg IYEIEPERER — & IR, fERIED M A f# R . GO/NCN
HAPET 60 min G RCRFIEL NCN 271 T 8.4%, #il] GO 5 g-C3N, 2 8] ) AL %% v A R T L 7
i, IR RON AIE RS TS R BIAE T Y6 AL AR . 4 GOINCN & MR 13k I Fe,04 )5, K Fey0,
BABKWRTA, AR T RhB, FEEARESEINSEM, A8 sk RhB. R T
WG B R A A ORI R AR THE R o 48R JFE Fes0, Tl m e A 5 R Ay, i mn i) £
BRSO 2 RO AL T PEAL AL, DR SIR, W 7 FoR, 4 FeO, f3E N 10%E, H&
AT ROR B F,  #E 40 min IXT RhB [ FEfEZE AT IA 2 93.9%, FEARFEMTEA, 1Y FesO, 1%
O 15%I,  BEARSUR I AL 2 .

CIC,

Light off | Light on
1.0
08 |
0.6 \
04+ ;
1 | |
| —=—Blank H
—e—CN H -\. \.
—A—NCN : N~ ~—
0.2 o Gomen [ u u "
1 \
| Fe,0,/GOINCN-5 ! \. n
—mB—Fe;0,/GO/NCN-10 | ~~n I—3
0.0 | —®—Fe,0/GONCN-15 |
1 : 1 1 1
-40 -20 0 20 40 60

t/min

Figure 7. Degradation efficiency spectra of as-prepared samples

B 7. HmELEWERR RhB AU R E

T B RhB HFEMRER, S256 DL Fe;0,/GO/NCN-10 JyfEAb 7Y , 38 5 7 Sz o 8 Hh s n /b
& H,0, (2 mol/L)KAF 7%t RhB AL BERIFZIT . XK FITH FE 3 BRI 2 5 192K Fenton [N, 756
AT RIVE R R 2l A -OH JeH SR or . ARAE SCRRIRGE[12] [17], 7EJGHEALZE Fenton JRK MR &
W, H,0, 2 51 RO FR AT Fs:

Fe(OH)*" +hv — Fe*" +-OH
Fe*" +H,0, +hv — Fe*" +-OH + OH"~
H,0, +hv — 2-OH
CN+hv—CN(e )+CN(h")
H,0,+e — -OH+OH"

H,0, - 2H,0+0,

3-1)
3-2)
(3-3)
(3-4)
(3-5)

(3-6)

i AR B S b3 S AR A T EE T HoO, FI AR IRBVEVRH AN T 200 pb Ha0,, 418

DOI: 10.12677/hjcet.2020.103023

178

A TS HOR


https://doi.org/10.12677/hjcet.2020.103023

KEM %

I LA T Y6 Ak [V (FesO,/GO/NCN-10), dEH414H Fenton Jx 3% (Fes04/GO/NCN-10 + H,0,) 1% 4k Fenton
S Vi (Fes04/GOINCN-10 + H,0, + 1] WLOG) = s B 2521 RhB B . I 8 sRaf LLE H, AT WOk R
% 40 min T, Fenton N f{] RhB F#fRR N 81.6%, YefEfk Ml RhB F#A# =Rl 93.9%, ¥ - 2% Fenton
Vi) RhB [ i, EIR 10 min FRARR(EIAE] 92.3%, AR 4.

1.0

0.8

0.6

cIc,

0.4

0.2

0.0

-40

—8—Fe,0,/GO/NCN-10
—8— Fe,0,/GOINCN-10+H,0,
—A— Fe,0,/GO/NCN-10+H,0,+Visible

Light off ! Lighton

[« Y Sy

.20 40 60
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Figure 8. Photo-Fenton Catalytic Degradation efficiency spectra of as-prepared samples

% 8. #mAYE-Fenton HE ML PEAERIZE LKL E

BEAh, XA LD RhB B FEREAT —H Bl 122, a5 R WA 9 Fios, JefEft Fenton
SR S ST A H KN 0.148, AHEL Fenton [ (1 5 S 1 < 1 £i0(0.042) AL AL S I8 1A S8 328 3 8 450
(0.032). Jt:fiEAL Fenton J i ) — 25l 724 A8 BB R TR % 2 A, MM SR T T Fenton S MiAT

FeMEA SN2 T AFAE— € B R A

1.0

0.8

0.6

cIC,

0.4

0.2

0.0

-40

:
Light off ; Light on
:

:

t/min

Figure 9. Dynamic tests of as-prepared samples
9. HmEEIHEMIKE
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HIRTT Fes04/GOINCN A e Ak FILE M A A2 o HL T IR R RN S MOV TR, AR BB HEAT T H B
BRSNS, ARE 10 fos. R A EIAZPDSEAR N AR R, Fes0/GO/NCN & & AL AL
Fff RhB s 2K KRG, 60 7Btk b2 R 67.08%, AHELZS XTI 60 e il Ab M 22 TR 1%
T 30%, ULHH-OH Rk & i 32 BE E AL A

10 F Light off © Light on

0.8 -

0.6 |-

c/c,

04

02|

0.0

-40 -20 0 .20 40 60
t/min

Figure 10. Free radical trap experiment of Fe30,/GO/NCN
10. Fes0,/GO/NCN #9 B B IR LR E

MR 10 P i, ASCERAERTT Fe;04/GOINCN E & EDG{E Fenton 14 R I AR . 7E7]
HIEHITE T, NCN Z5H ARG IO L7 M RS 2 7, FRAE i o B KA. T
BT UG AR (1) I8 A RRERE S GO by (2) FesO4 RN 2 n BUFN p AL SR 1 & 1,
NCN J& T n BG4k, DRIt =& Al v Bl p-n BSR4 . EIRXM SR b, PRI S Ak w] AR sy 22
gy, ENEIZEERT, NCN S LROEA 7T LS 2] FesO, 1347 o X PRI A2 J7 A A
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Figure 11. lllustration processes of Fe30,/GO/NCN photocatalyst
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