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W OE fEemGS R B bR T 3R m O B AR KB R o E Y] AR AR R IR K R SR 4,
FIFHAS 6] 19 DR 4R % T 3R e % LR AT U E W B A, 43 I DRGEUR B o F b i A= WP e 2l 4 o WROAR A 4y . TR
DOM, {4 Y BETE A5 AT T A dr, AL TAREL R SE, 250 R ASIR] IR & & 1§ 28 40 % JR K P 45 21 45 B
2 B BE J1 K U MEC-AD>MFC-AD>AD+HZ 2k B >AD; MEC-AD Ab 5 4% % /K B AT w2, Al {24 A= My o s
WEHAFHXT AD 42 11 8 d, SCOD. TP #I NH,-N xR 75l %] T 77.79%. 86.73% F1 75.98%, %7K DOM " ik &4 iR
REAR . RAIRIE A A MEMAEY R & B RAC, A H b e 0301 5 B 19 AR 3 58 )8 O Proteobacteria
Bacteroidetes .

REIR  IRAKME; EAURK; SRR R MR AR Bk

F 38 A0AT M B K AR HE B i S 40x 107 ¢, ok A [ Tl B K HERCE 1Y 1761, s AR K h A K&
MR AE R . RTER Mk # 2500, R R ARSI G U™ E AR, BRI, 18 4005 K 1y b 34
%EA%EM&SZ~M FEGRIRWEAR TP A B AR T, BEEOR RIS 007 b i34 7, 38 & ik 4iAT
W2 Rk s, B AR K BB, SCE REDRHER B bR, RS AR R AR, & 4UE K i Ak
Eﬂﬁﬁ%%i@%\%wiﬁﬁ\i%iﬁ%mo%%mﬁﬁﬂ%%kE%iT%mﬁ%%m%
ﬁﬁﬂﬁ,@&ﬂﬁﬁﬁ% Dy A Z R REIR AR, ARFG T REREFE AV LS TR b A B
HARREMAT T, AFRCRLE, 385 H T P e B e 0 8 40k K U,

mT%%%m*aﬁm%%%ﬁ,ﬁﬁ%*%Ti%@&ﬁ,%ﬁi%i@%ﬁﬁﬁ%ﬁw
L, X 4% 80 A W Ak 3 57 R 59 D0 Ak A el b il h iF 5% #4510 A= W H b 24 &R ¢ (bio-electrochemical
systems, BES) Je& 3T 4F Jf¢ BR 58 AU — g B 14 DR 40 A B0 B iy e, PRHCAE H 36 PR B W0 A 2R s
A2 A FH G o 20 P A R 8 T R R K T AFE I & RS e, xR A ALY A Z Y BT, T 32 3
Sk 22 f o, By A &) IZ W S 1A W At (microbial electrolysis cell, MEC) Flfi{ 2 %)
#RFLHLH (microbial fuel cell, MFC)!™. A WF5EERM], £ pH=7. SN JEN 0.6 V. (30+2) °C HY 55 1F
T MEC 2GS ACE K, 127 d AL EIEER D, 500 mL K 427 AR (DL COD i) £BR
RN 34%, B EARE T LR K B AL BRI LTU 4RI 5T # W MEC-AD 2 48 1 Jiin sk Bk i A 4 %
b, AW W e A il R T 3 AR A ISR IR AR AR W B I s I MFC A4S, T Ak B
Wi EEA: 2021-12-15; FEFA AHA: 2022-06-28
ESWE: EXRARPEEEE LTH 42072193); WA G & FERER AT H (202300410168)
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WK K, 22 d J5 I INBE R MFC R B 4 AW L MR, COD A BRIk 3] 65.6%!", ) 1E
U6 % K O A B R SR 28 vh YA TR, AE 500 h Y [A]BRAE 36 A, BT 4k 2F T SR (SCOD) L BR T
(73+1)%, b8 & (TCOD) £18 T (7624)%, 2F4:% JLF5e4aw £%U7, B BES 4k, 4Mns &
5 HL AR R — R b IR SRR I R O UYL AR 5 A 1) G I R I R R ST AR &R Tha | A
200 mg- L' R HLBFBL G K WL 80 (Fe,ONPs), ALY Li = w1 22.9%, P2 R 25 8 H B oot
Wi %E MK 59.11% T B2 52.38%", JESZ T Fe,ONPs il J T A HLE W ke & . ok B9 24 4 1 e AL 20,
MEC., MFC FIAMin4: J& 5 s Ar Rk o] LLAIHT & i 2008 (9 A= W A B3 T 20 R X AR TR R 48 &
Tz 22 Gt b B s 20 1% 7K A S U 98 AR R 42

BT LR R, ARSCLIEARE KR MRS, WET RFEMRALBERS, WE T AFE
RAEBERETEYH B D . WKL . WK DOM LUK G A 9 B 7 4540, 38 3 X L A= 9 H e
W .OEBE (TP) 2PR%F . COD LBRR . NH,-N LR | ¥ A LT (DOM) ZE b 435 AiF Al B e R 7%
SER, PRk A R i AR K R AR A B R B
1 #MR5E%

1.1 SLIGKR

AT 5 R FH B4 s 2R R AKOR R Tl e 4 AR AR T R 4K i s 4R R K B K AT T A . pH A
8.80, SCOD # 7197.93 mg-L™'. TP} 26.33 mg-L ', NH,'-N 3 43.45 mg-L™'. N[RIIKE KBRS
55 T FH A 5 ok 15 S 56 KA Ak 7 PR
1.2 LIt

1) A Xt B2, % B AL G i AR W IR S R B2 R 55 (AD), LA 1000 mL 1144 JE AR by IR 460 & i
M) SN 25 7%, 1 AR K U A 2 900 mL, PRV A S i of 100 mL; A3 S 07 75 4 i A &R
A, BWEFHOA 35 °C WIE IR R4 .

2) P S 20 o S A 43 0 R A ) B Lt R B8 (MEC-AD) . (AR P AU SRR L T R 4
(MFC-AD) Flis 4= 9 in 5 i b4 L IR 48 & 8% R 4t (AD+Fe,O,NPs). SLH:2H A: MEC-AD F 6% Ei4FE A FH
e, ANEEWMVER AN, FRHERLZEE AP . J N 2848 . 40K K R BB A i [7] AD, 38
AR, %EEE T AT, %5 350 rmin™', EERE RN 35C, FEK10Q
FIHLRE, AN 0.6 VOB, 92520 B: MFC-AD B B WA BT . B 25 o K% FFI A 28 ¥ 406 )% /K
FTE W A 7 N [ MEC-AD, B % DL SRR ERAE MR Y, PR % 55 10 % 58 2 ot 3¢ 0 A% 346 o
T, P E BR A % B B TR A [ (S 80W MEC-AD), #1000 Q Ay HLFH . SC80 4 C:
AD+Fe,O,NPs it 4% J& /K F1H W (1) 45 Jn 2 [7] AD, Fe,O,NPs B ¥R i 4 2 gL', B4 % EH 5l A
35°C HE M o (LI O M BT F A B BN B 4K N R /N5 R 10 emx6 em, 764l 2L 2 iE 47 T Ab
B, e mol- L P HCL 3230 24 h J5 R Z5 MK sk Z b i, A 1 moL-L™' Y NaOH =30 24 h J5
FZERK vhye i, TR b e Tt ).

3) A TR A KRG &4 11> 500 mL B AESAE, BERR 2 d 00 A= 9 R e 20 43 HLid s A9 R e
o A FRE AR EER SR 10 d B L IREAR, I pH., COD., TP Al NH,-N, % PR 4 % B 52 0 1 5
R DOM,  Ff XF A= 4 H o vo W 0 1) DR R S5 A R A T 25 0
1.3 S5 E

1) ASTR] R 480 % % 2 G0 A 90 B Joe 40 40 0 %2 R FH Agiilent 7890A GC IS AH (6 15 A%, A6 I 2% 1 &
100°C, #A M He, ¥~ 30 mL-min™', RAFEFEEFahibbE, BRI 1 mL,

2) FEAE W e B J12E B . AR Bk B9 Gompertz R (2K (1)) R[] IR 48 K T R 48 7 A 4 Y
Be by B AT B A B IE .
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Krf: G eBAEYHGE R &, mL; G, B AY F 5 Rt &, mL; Ry, HERINAY
Wi K H P 6, mL; 2RI, d; ¢ AIREKEERTE, d.

3) AR5y 23 #r . pH A pH it (U5 PHS-3C) il % ; COD. TP 1 NH,-N: H{ I g i iKEAT
i R, e BRI e (B . 220 T K R I A2 X TR-408), 5 3 S FATHE .

4) AR = 4k 5 6K (3D-EEM), B IR 480 & e il o A0 AR 2R A7 288 00 B - W T, 484k 0.45 um i
FLUE B8 )5 . >R Hitachi F-7000 %¢ Y606 T E , >R Origin 3K 4 #8474t 3 3D-EEM d5, 45
B R DRGSR AT 2 B A

5) TR R S5 AL S o B S0 mL AR R e e I AV A, #E 10.000 rmin”' R B0 20 min, HUCES
O G UUIEY) BT DNA $2 50, PCR Y3 | a3 0 7 %68 5 R RS 4 o Pt 349F (5'-GYGCASCA
GKCGMGAAW-3") fl 806R(5'-GACTACHVGGGTATCTAATCC-3) YER By, i & W F 52 At
AR TSR,

2 ZFR5THL

21 AERELXERSGEN =S YRR NG

AN TR R AR % B 2R 48 ) A Y e 1 0 AN BT e AD 2R G0 G A= W FR o v DAL HE BLTE 56 16 K
AZiti, H162.95mL, AE¥H ey 1277.81 mL. MEC-AD Z %5 () A= Wy FP e v W 11 PRAE 56 8 K
A, A 26611 mL, FHELT AD RGEAT T 8d, AL T AD RGN T 103.16 mL; A=) H be i &
7 898.91 mL, LT AD 24 NI T 29.65%. MFC-AD % 8 19 4= Wy W e v W HY R AR 46 12 R A2
F, 26099 mL, LT AD RGN T 98.04mL, LT AD REHEFT T 44d; YW RE R
124824 mL, tHIL T AD RE TR T 231% AP WIR AR L FETT 543 K . 7718 . 7Z O IR .
7B 4 4 Br . MEC-AD 2 48 Al MFC-AD 4t 75 7K i [ B vl LU K 3 —F FIAS 35 4 40 J5 7K e B
AR N TR, FEAERR AL B B sk /Ny T A ALYt — 2 0 il ¥R R IR R . . N
Wil 2 45, T e T e P K TR A B BB 1 7 W e Ak Sl AR R B Y, R T i 4R K 45 2 4 B i ik
B ek G A, XIRER BEE A B e SEER . IRAEEZ )G B MEC-AD, MFC-AD %
S5 N BC2E W T B A R R B B R I T IR SRR BE ERRPY; L4, MEC-AD. MFC-AD # 4t 7 Fl
IR P74 ) P B (9 1) i R 25 3 FE — R 4r BE = il . b3k 2 R A 530 MEC-AD . MFC-AD R4 (1)
A e e R AR A R L AD RS . AD+Fe,O,NPs F 45 iy A= ¥ H e v 0 i PR AE
B 14 KRAL, AT AD REGHEHT T 2d, mIE(EN 185.15 mL, AHILT ADM 1 222 mL; 2E4)

Rmax
G, =G.exp {—exp [Te 1-n+1

o

- MEC-CH, +AD+f-CH, - MEC-CH, ~+ AD+f-CH,
-+ MEC-CO, -+-AD+#;-CO, -+- MEC-CO, -»-AD+{#-CO,
~'MFC-CH, ~+AD-CH, - MFC-CH, - AD-CH,
300 L, MFC-CO, -+-AD-CO, 1600 . MFC-CO, -v-AD-CO, 1600  « MEC . MFC 4 AD+fi v AD
750 | 1400} 1 400 | — Modified gompertz model
= = 1200} = 1200 ¢
E 200t E E
1 g 1000} g 1000 |
1 150 I 800} 800
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= Bk 400 | &% 400
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Fig. 1 Gas production performance of different anaerobic digestion systems
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kg s 154874 mL, ML T AD 25 T 21.20%. 2 AD+Fe,O,NPs Z S5 £ i 1 2B Wy B o s
i, ATREH TREBRE SR BE R T E AR RESN, A5 T CRE 5 W b e Z [ B ]
HL T 1% 38 (DIET), 7EX IR T3 20 E Yok 17 R &AW B AEE 1, DA A%
FEEENR TR AR, HR S AR Y e B AR R P,

fdt & 1E 9 Gompertz BB i1 R, FI1 A LUK 5% 15 4% 2 7K A6 A [R) IR 0% 8% 2 40 T BT AR AL
SRR 1 . B 1(e) RBET AR R UK B R 98 G 1E 19 Gompertz BRI G 19 G, 3L FHLA 1)
SR, R AR R, VPG 25 IR AR I8 72 40 IR 4800 A0 R B P9 04 77 26 1 B Be kg o 2 Bl T R 480 R B 3R
G AR IR R RIS O, A E R, %1 121 M Gompertz X A K 8 2% b BT

F 5t T X JEE W) 365 O BE ) SR Y, MEC-AD £ BRlME NSRS

4t . MFC-AD & 4%: . AD+F e,0,NPs RS KT Table 1 Kinetic parameters of Modified Gompertz model for
AD 2 45 Y01 DL A S04 e b T e i AR VR A the simulation of methane in different anaerobic digestion
2B 1 0 PR O R P 8 A e 2 d i

Fe O NPs [ IS — 52 8 7 0 919 4 K A 25 8 Gompertzd

ROB, WM T KRG R, & Y, M Ry B
7‘T< BT( /%:\4 Z% @% /ﬁzé éﬁ_, EF‘ Ffé % E[(J Héj %% % [27]’ Ji 'ﬁ ﬂl MEC-AD 892.70 4.42 130.06 0.999
Rmax {E%T#ﬁi *H %‘ri i %:2 Eya Fgﬁg‘% Eﬁ J:J&EI\LE }.1&25 MFC-AD 1251.60 7.07 114.66 0.998
ﬁ@ﬁi%ﬁ@‘@ﬁ-ﬁm Iﬁ”ﬁ . Jﬂfﬁl‘ , R? i’«]j{ﬂ: 0.99 AD+ 1746.51 7.66 88.67 0.999

AD 1 400.14 7.89 76.76 0.999

WEH T 18 1F 19 Gompertz #5571 A 58 () TR 72

22 AERELERG T ERKEKEIBGRIEMN

Pl 2 SRy 8 AN TR IR 480 K I 72 490 Ak BT I 1 4K 2 7K ris 21 40 R BE N R BR R i A S . 7256 10 R
% R0 pH BB/ ME, X2 B TOKAE B Bt 57 R & BB Bt AD. AD+Fe,O,NPs R 4t & 73 T A Bl
WAEREBEER T AR T K\ FIRZE, 51 pH BBEAL, [F At s T SCOD ) F+ & . It
#h, MEC-AD. MFC-AD £%iH SCOD T . rtrls BB, &K i a] W B ANt Ko A DL &K
OB Tk, AR R T R I, WG TR AR B i#E4T, SCOD 2 (L% . MEC-AD &4 45
HJ5 SCOD 4 1598.43 mg- L TP H'3.50 mg-L™'. NH,-N 4 10.44 mg-L™", HEFREI5K 77.79% .
86.71% #175.97%. T MEC-AD ZZeHM s FE B 7 s RE s v, et T Rfrm A, oK
Z 1) SCOD # W REFE i R AT, A N SCOD 1R A HLRK I Sy 52 A Ak TR AF 42 4L 1 W] 48 Ay s - b AR AE
A R A v R L I A W ) A W v T R SR BRI v ] s DA S A B WA S A R AR
VE L T32 44, MATIT 3k 20 AR 9 4 5 1Y H 5928, MFC-AD & 4845 5 SCOD 4 1 992.54 mg-L™'. TP i
420 mg'L"', NH,/-N 3} 1323 mg'L", HERESH K 72.32%. 84.05% H 69.55%. MFC-AD % 5 [
e 2 1T B Ak o7 TG PRS2 B TR R R AR 1R 7K T Y SCOD 77 2 11 o ot 152 0 s B I, S5 B R &
R WA K A A TR N AT SE B AUBR B . AD+Fe,O,NPs R 4L 45 55 SCOD 4 3 588.71
mg-L'. TP 4 9.46 mg-L™'. NH,"N & 19.03 mg-L™', H %R 75N 50.14%. 64.07% F1 56.23%.
AD+Fe,;O,NPs & 4t ' Fe,O,NPs 1] LA Fp Bl 2 #F B A 5 2K th i W) Z (0] 09 o A% 6 58 Bl FE L Al
WUEYR RGeS AT s, iR T R AR BE AR . 4 AN IR AR I8 2R 0 v 0 TR DA 4R % K
wishes, —#AH TR, M THABRSE, MEC-AD. MFC-AD R4t Hid & A bR, K
M7= 8V ; AD. AD+Fe,O,NPs R 4t B ik &5 77, [RIIMIXF 2 K o 4% 4 4y R BRABOR B 2% . | kAT
W, A AD, MEC-AD. MFC-AD. AD+Fe,O,NPs % 4¢3 il 45 25 % K i 4% 470 B 2R %, £ B
H Il MEC-AD >MFC-AD>AD+Fe,0,NPs>AD,
23 AERELZERGTBREBINRDH

Xof A 0 A T 1 3 AR K EA T = A IR K AT, /e ATV R DOM 1284k o AR I & Dk
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Fig. 2 Effects of different anaerobic digestion systems on pH, COD, TP and NH,"-N removal

K (B M & 5 B K (B, W A 6 X 3D-EEM Ot i i 47 X 3 &) 43 o] £ : T X (E,=200~250 nm,
E,=240~330nm) AEERR . 1T X (E,=200~250nm, E, =330~380nm) NEEERR . M X (E,=200~250nm,
E_=380~600 nm) 255 R . IVIX (E=250~420 nm, E,=240~380 nm) J & MMM AEY = . VX
(E,=250~420 nm, E,=380~600 nm) A JFFE B>, MK 3 hal LIE 1, RAFEMZ T REKE & 24
PECUE, FRATIR 3R, Ar o B AR R H T . BRI O S R U E A Y, R
F B AR I PE S AR E K B A . 2 DR AR A IS 1 /K 38060 3 4 A 2O 06 L2 S 06 XoF 1 o7 5 AH
6], ANZOGCRBEEARE AT S, ol AR EEA R, AAREEAR . KEHRY
L PR E YA Y RS TE R Y R . S5 EOKA B, AR PR S R OK £ T 28R BRI 2R R
g 2 AT o ik Ul ] 3 AR IR K 480 4 AN IRSEUR T R GEAL BRI /K v Ko FIAS AT ¥ 1k ) Joa b
T W o B AT Y /N A LY, 5 BT I M A W R W B 43 R S G AL DOM. i 214 i
IR E BRARIEHEIR . hE 3Rl LIEH, 4 FIRE KB R G AR B v B, T57K 4
1) DOM ¥145 ARl A2 B2 i BRI . Ul B A= 0 A % e S8 4 i R FH AT P /N o T B itb A7 A AR, &
L M A AEY e . BPEOBIESREE R K/NKEE , MEC-AD RGN TRRAMREEH . A
GRS B 11 0 I A M ol 2 0 R A o i AR e B 3 5 MIFC-AD R G0 X% 128 5 HL IR R 2 5 i 1R A
b Wy 5 I i R SR B @ % 3 AD. AD+Fe,O,NPs Z 4t Xf 4 Fh 2 73 [ fit % SR 4R A W%, (H A AD,
AD+Fe;O,NPs 3 45 %) 28 J5 5 [T 40 [0 B A R Ao F L 3 AT UL, R fit /8 ) S AR SR 2R Bl MEC-AD>
MFC-AD>AD+Fe,O,NPs>AD. X5 4 Fft K 4 & I 5 e %t 1 4C% /K 4 40 43 L BR e 1 9 4518 A — 3
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Fig. 3 Three-dimensional fluorescence spectra of paper mill wastewater before and after treatment by different anaerobic
digestion systems

24 AEIRELABAGEESTH

R T A BH RN A R TR R 5 R X R K O i R SR, XK (R R UK 8 R G AE T A R
AT A MR IR 45 S8, K R AW JE & MEC-AD>MFC-AD> AD+Fe,O,NPs>AD, [#
HE A28 SR X 3= B DL I 40 B 4@ AT L, 4N IRE KR GEE IR G W H LS 4 E R
Proteobacteria. Bacteroidetes. Pseudomonas. Macellibacteroides, FJE7H0 6.1%~40.3% . 7.2%~18.1% .
42%~28.1%. 9.3%~30.2%, F.H Proteobacteria M Bacteroidetes &= ¥ W i e A R B T 40 1 [ ] 2809,
Proteobacteria 2 9 % [Q [P TR, FERE AR 25 BR A ALY FVAH IR 5 55 5 T B B 2R JHPY, Bacteroidetes
HRBERE T, 2R PREANTE , 7] LU /N 7 1A LY 5 AL oK s el e . &R A PR DL & H,0,
CO,. H, %, I H7E & P i) B bl & B A/E FH P, Proteobacteria M1 Bacteroidetes 7 MEC-AD
MFC-AD % G [0 AR X 4 8 KT Hofth 2 SR EUR BER GE, U OB R Ge b B9 A7 IL P ol LATE IR 4k
Tz P B3 e DA o i, AR A 0 R e A DR 7 M . Macellibacteroides J& TALBE A SR BV A, £EHS
SR FIERT M. AAERFNREM, HRWS 5800 Km0 At
1£ AD+Fe,0,NPs R G H A X F= B 17 o Pseudomonas J& T A MR, 48 4l i K 2B LREA HLE
FEARY, PR RE IR TR R, O Kb . DY RIS AR T, R RE S Sk
KA S YR KR, A8 AD RGP AN FE BE R . Macellibacteroides 1 Pseudomonas 15 3 55 A= ¥ W e
Fetm i HA TR TR, HIE 4(b) T RIUAN R AEUR BE R S iR iR A AR P A2 B8 Methanobacterium
Methanosaeta. Methanosarcina, THXTFEEEIHH 8.1%~34.9% . 5.1%~33.1% . 9.2%~40.1% ., Methanobacte-
rium A E SR P BER, BER H, Ml CO, ib I AR AR W B, O MEC-AD &R 48w I IE 34 i
Methanosaeta J& % Pk TR E FRA P W R AR, RAH ™AW B, 1w HAH i r 88 R)
L AR T AT SR 5 F T 98%~99% 1 H B Ak T B BT, S MFC-AD £ 4t Hh B9 A0 el TR
Methanosarcina kg PRAEAY, Oy W BRI A B 7 e B ) E 28T @, R s AR B o PR 66 e s P
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Fig. 4 Microbial community distribution in different anaerobic digestion systems

%4kl CH,. CO, FINH,, 7&H, fF7eft, HaTIZ54 H, ¥ FAb &8 )5k CH,, Methanosarcina
4 AD. AD+Fe,O,\NPs R F T W . 4 MIRARE ARG R IAEZ MW EEw R, o] LA
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Application of different anaerobic digestion systems in paper mill wastewater
treatment
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Abstract It is particularly urgent to seek high-efficiency treatment of papermaking wastewater under the goal
of 'Carbon peaking and carbon neutrality'. In this study, the wastewater from a paper mill was selected as the
research object, and different anaerobic digestion systems were used to microbially degrade it. The biomethane
composition, liquid composition, liquid DOM' and microbial community structure in the anaerobic digestion
process were determined to optimize the treatment system. The results showed that the order of degradation and
removal ability of the components in wastewater by different systems was MEC-AD > MFC-AD > AD +
magnetite > AD. Compared to AD, MEC-AD presented high-efficiency in papermaking wastewater treatment,
which could promote 8 days in advance for the occurrence of biomethane peak period. The removal rates of
SCOD, TP and NH,"-N reached 77.79 %, 86.73 % and 75.98 %, respectively. The tyrosine protein, tryptophan
protein and soluble microorganisms in the wastewater DOM were significantly reduced. The dominant bacteria
in biomethane production peak in MEC-AD were Proteobacteria and Bacteroidetes.

Keywords anaerobic digestion; papermaking wastewater; microbial electrolysis cell; microbial fuel cell;

magnetite
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