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X3, it RaBtE, A E A
L) AR HIZ R A BR A |l , MEM 5147005 2. 4GB T R2AIRE SRR B8, T ARA TS Y8 il 5 B R R 5749
HASLKE, )M 510006

B OE KRR RN SIS e HAT ™ 50 b, PRI PR 3R R AR 35 K R TR Ik TR Ak B AT
19 B R B AR R o AT TR IR S T R B L 5 i L (Bio-Pd), R TT T 97 A8 X S A A R 1 B T
SER R, BAGE B A A AT U R S A A T R A TR BT 80 M A R R AT NLO OB R, il R A Y
F BRI T 38.54%, 1M 3k ik 14y #6020 A ) S AR o DA TRl A R A RN 1 5 T AT T LB )
Br, ZEARARW], G00E B A0 RE S e HE AR Wy ao A, AT 8% 5 XA BLA RO R TR . OF B 0.2 g L' fiEJ
TR (QSI) 4 1 15t T B RE 1k — 0 SR AL AR W SR AL RIOCR . AT 45 R 0 b3 15 K I AR B S E N
KEIE AW, A BEAURDL; BUEMIRER S

FER AR A R v, 200 L PN 30 F, A% 35 32 02 fh A LAY 20 W T A R — R BRI 3 )™ A 38 i 7Y
SR T e i RS2 W8 — 4% 1 IR (nicotinamide adenine dinucleotide, NADH) &y i fifb it B #E it L+, L FAE
G T (B & A% H R FMN F1 Fe-S 2 1) G 3R 25 WM, SRS — W 20 WL 1% 336 245 TS 45 5 (Y B IR 6 38 Jirt
fifi (NAR) ¥ i B Eh 10 5N AH IR, 05 — W Fa B G L 45 A s b i il 3R ¢, 48
Mt 2R ¢ VE Sk L 2300 PO L 4% 38 45 ) 5T v A S A 7R R A8 R (NTR) . — AU fb &UA 5L (NOR) Al
— S AR R (NOS), 55 2 52 B A R 36 378 J5 R LS (NO; 'S NO; SNO'S N,O S N, A= 4
SRS FRIARR S S 7 1 77 A S A8, 4@ T A% 8 R R SR AL SR AR I DG . Y T AR
BRI A A PR B (RS TE Y 5 TR FE B . SR 9K R 1 1) ik . TR T AR
RAE), F AR A} 3 A0 U Wy v 1A% 388 Y T 50 BOR 8052 56 o RS AL 4, LIU 55 2Rk T
T ARG T (nZ V) 3@ A Y AR A P E R R TSR AL S AL, ABATTHE AR nZ VI TR A2 2 S fiF Ak
Ty TS T RAFI R, HE, nZVI G TR BT (ROS), TEAY R EIE b=, PR
T nZVI SRR o WA, A SR B0, Mn,0, S R iR AL A W) R A A R R A TR
W T o (B A2 6 4 B A KR 1 3 R 75 5 B 19 A2 ) o RN AR o 1) S 554, R 2 3
Yo G R ANKRL TR TAE =, Sk P IR, gEmi b 5 i BTG AL e, BRI B A, MR, A
Wik G LN K URL AT ATE RO IR A A T 34T, B WA A PE R 25 M 50 AU A S5 40 A5
1 ] L R O R 0 3 A e P A AR R R 5T T AR B B O R N, ARG R, kAR T R
s BHE: 2022-08-03; FAHHE: 2022-12-02
EEWH: BEARBFESEITH (41977316, 21677052); |~ ZRA BRI H (2020B121201003)
E—1EE: XE (1986—) , B, WL, TR, Luxun200202@163.com; MRBEEE: HKILE (1967—), &, -+, 56,

chenyc@scut.edu.cn
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300 ok L B ¥ W EEAVE S

WA R R T NLO B i i R ER L

S T W 8 i TS e ) R DR R B T L AR R AIOCR I LU IBAE 5 4 T O I 08 AR
Q) ML, BRMAY L4, ME . BNES S FREER S REREN M, 549
BB I . B SRR ik . BURLTS U8 B9 T RN A 4 Bl R AR UM 06 o e AU T, H T AY A
5 BT X IR A Z A (Anammox)™ . 5 IR AE AL USRS L DL B DL R PR B R AR R 1Y
R RS, XGRS S 0 — R AR i A BB = QS T MBS . KA, K TFAUKRL T
X QS By Harth HJEAb TR o B BL, Flan, LIAEUOWFs R, 100 pg L' Ag FéE Ak A 8804
2x BN 30C ,-HSL A5 54 FROUM B, A2 UE A 2% B PR I 7 (Pseudomonas aeruginosa PAO1) 2 i
B 7= AR A AE IR R E B, T 45 5 1Y Fe AR W 1 30C,,-HSL 143, (B I 1% 5 308 A i AL A:
YIRR AT, OUYANG S5 Ja) X% BAR B M TR (Pseudomonas putida) =¥ B E N 0.5 mg- L™ ZnO, H:
RHET QS{H 5 43T c-di-GMP Ry BEJ, AT fifi A W AT G ) P9 o), A E AR W SR B R, T
250 mg-L™" ZnO WU F& 3 AH B i 4 il 4 o

BT LRSS R, ARUFFEA A 5K AT A IE TS IR A L T Bio-Pd’, #RIT T AN M
LG L 2, I = AEDOOETE . AR W RV S AT R (A BN A SR SR T Bio-Pd’ X I il
Ak %) 5% T 00 AR R g X I A AR5 R TR 4, AR 5 45 S LU A Bio-Pd” Bk S i AL AR IS %
1 #Rl5R*%
1.1 FERXFIFNER

FZLA L5 DU S AL PR B (Na,PdCL,, 98%, Zsihk). #iZME, DLl haobral; g
WA R MG KT g 37 3 (DM 5 5% 35) b & 41 4.2 g'L™' Na,HPO, .
1.5 g-L"' KH,PO,. 0.1 g'L"' MgSO,. LK | mL, AW ik ; MREICESA 5.0g L EDTA,
2.2 gL' ZnSO,. 5.5 gL' CaCl,, 5.06 g'L™' MnCl,-4H,0, 5 g-L™' FeSO,-7H,0., 1.57 g'L"' CuSO,-5H,0 .,
1.1 g'L™" (NH,), Mo,0,-4H,0. 1.61 g-L™' CoCl,-6H,0,
1.2 Bio-PdNPs 89| & FR{E

¥ 20 mL {5 75 U 55 80 mL DM K5 #7235 i A IMLE R (5 R R Mk E N 2 g L), SRIE AR &
i) Na,PdCl, B3 (1 g L"), VAEHZIHE 094 gL' e FAEA, &S 15 min J5 2 BIE &, KHET
PE R F2% R (150 rmin™', (32+1) °C) #5557, [AIA, K w5 U 2K B8 09 A0 R 4R 3R 00 i P VR 2R 0.
5 F1 10 mg- L™ BYFE 5 23 1 5E XK Bio-PdNPs-0. Bio-PdNPs-5 #I Bio-PdNPs-10, I EDS GE 1% 4347 ¥5 U8
TSR S A W 2R 1Y 43 A B L .
1.3 Bio-PdNPs T SR R IHL T2

£ 150 mL IfiL 75 i 2E AT S R A8 A AL 5258 o K 97 25K [W] i Bio-PANPs 1116 14 75 U6 550 IF 2 A
T 100 mL DM K553, A 1.4 gL', #I46 NO, -N Bt iR N (200£2) mg-L ' (15 e A 2 gL,
HE C/N=7, FEAA 10 min J5 57 BV EIF & THEIRFEIR (150 rmin™', (31+1) °C)o 381 I8 5 5 20 ik
JER 2 AR C/N EE (3. 7 1 10). 4 B — g B[] FH A S 48 BORE 38 o 58 40 20 56 0 B vk T s v v
) NO, =N, N-(1-Z53E)-2 820 Y66 BE 100 5 NO, =N, 44 B350 160 NH,-N, 488§ AR R AR 4%
WO 7 A AR, T e A B AR 4 £ AN AR 53 BT X (MultiGas 2030, MKS, 3 [E) 434 NO, Uik .
FEF Bl Ak e 1 SR Ak i L 15 3 B8 1 43 BT =% OBEROI 481" (W15 77 o
14 ZHRFFTRE =00 E

i Fi 3D % Y6 =43 )6 )% B 31 (HITACHI F7000, China) ] 5 A [7] 3 fi# 1 B AL 4 (DOM) (1) & & .
B % UK (Ex) A 200~400 nm, % 4% G5 BN S nm; R 9% K (Em) b 280~500 nm, Bk 4% $E B S
2.36 nm,
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1.5 BEARERRHDHI LI

T ok ) S A A ZR T S AR A S A1 S R0 Ik RN 22 3R R S R AR T A A Y 52
M, SEEGN AT K& 2 ZEHPOKIERE % 1 gL' B9, 17 Bio-PdNPs-0 il Bio-PdNPs-5 /1 -
1) B Al ALK & (NOy-N =200 mg-L™', C/N=7) 43 Al M AT 2= R i R & E R 0. 03,
0.6, 0.8, 1 gL', B[ Bio-PdNPs-0 il Bio-PdNPs-5 F1 43 Hil il A 0.2 g L7 5% & e AL B, I < B2 il 1k
/P
1.6 WEEEER ST

SR FH 151 38 5 16S rRNA J P AR B R 17 12 R PE A T 2E D A VE 4540 o 0 IR 4R 10 mL 25035 e A
fii (Bio-PdNPs-0. Bio-PdNPs-5), 2ZHH A e E YR A R A FIIAE . 4 DNA 28U, 7E Hiseq 2500
- bl Tlumina =3 &80 7 647 PCR 38 | 4lifk . 2 AR RN 7, I 254l M A=W 1 8
2243 M1 E Biomarker 748 °F- & L 47 .
2 #ER5iTE
2.1 Bio-Pd’ BU& X

DA 25 8 o L AR TR R R4, IR 12 h I, Bio-Pd® 7E 3 AR 9 326 1T G 43 A DL AL 1
Bl PO TSN A3 N, AT 3G R, HOTER (5 L 0.53% 3N E 1.28%, 2 BI4E L) 1 2 7E
AE Y R

(a) Bio-PANPs-5H4L G 3 43 ] (b) Bio-PANPs- 10t 19 5 4]
1 FE$E A EHE /I T E EDS mapping i &
Fig. 1 EDS mapping spectra of palladium with different loading
2.2 Bio-Pd’ X R FHILEGEE FIHFERE N AUSZ I
T I A A 0 R s AL g TR S OO I 20 RTIL, B AR AR G R B i, R AL
H, 7 ) S % 5L R 2 9 0 U K B A, 156 ] Bio-PANPs-5 {2 #F T Kz il Ak g %k B 7 A9 AR, {845 Nar,
Nir. Nor. Nos [JH, T4 #E# % (3.20, 1.49. 1.49. 1.46 mmol-(g-h)'(LA VSS i1)) % Bio-PdNPs-0(2.13 .
0.91, 0.91. 0.85 mmol-(g-h)™")) %I #EH T 50.35%. 63.38% . 63.38%. 70.92%, H LAY IV fiFf fig £ A
N,O 1 4 & & 43 5] 1 Bio-PANPs-0 £ 10.9 mg-L™' #1 26.53 mg-L™' [& % 2.5 mg-L™" 1 3.93 mg-L'(Bio-
PANPs-5), X S5HEERE 00 LR —3 . M 5hJ5, Bio-PANPs-5 H AR £h 19 B F h 67.85% 4
1= £l 94.00%, 1fij Bio-PANPs-10 X /2 fif§ 1k il f. F F HH (1.47. 0.55. 0.55. 0.50 mmol-(g-h)™") A9 il 3
Iy R IK 31.05% . 40%. 40%. 41.41%, FF774: 17.5 mg-L™" H1 2.68 mg-L™" A4 7 Al 2 £k F1 N,O L & ,
X A PR 1) 25 B R AR AR B 43% ., X ] g i AR X A M s R R VR . LV &8 R 3K o Y 4
G KL AT LA A AR ™ A= ROS, DA% 40 Jf 5 R DNA 1 B PN &8 19 S8 Ak 8 45, 380 T 40 oKokE - 119
BRI 5 W IR AN MRS, 5 37 e 4 o L R S 35
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Fig. 2 Effects of different Bio-Pd’ loadings on electron consumption capacity of denitrifying enzyme

2.3 Bio-Pd’ 3R S RIS

X AN [R] sz 7 B 1 s g AR 22 i DOML A7, S5 SR WK 3. & 3h )5, 7 Ex/Em=250~280 nm/
220~270 nm Ak R AR B AR P 2R E H AR Y R YY, o Bio-PANPs-5 H1#F Ex/Em=280~300 nm/
325~350 nm &b & BUGAE W AR T W 2 TR IS T, SIS 0 SR S W T R R B OB L A 2 SR W
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Fig. 3 EEM spectra of microbial metabolites at 3h and late stage of reaction
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(S-EPS) M FZ 731", S-EPS # I\ Sy B il 2 Wy L 5T 4 i aok A% R0 PN U W st #2972 ), S-EPS 12 ¥ 14
i, R MRS T RECEYAREHER, XA TAYFL R AWK, ERNAY, F24
J AR R R I B AR A R A A B BT, HOHAE T 2 v kB TR R, 106 B A A T A
PR P R AR
2.4 BHARBN X Bio-Pd’ 1 S R AL BYIE S

A 2% E XF Bio-PANPs 42 3 (1) S A5 AL R W 1% 0 WLIET 4. AT UL, BEZE & 22 R IR EE M, 4l
(Bio-PdNPs-5) FIAN A2 (Bio-PANPs-0) Y3 11 15 Ui S A Ab 3 2R 8 Rp e BRI, I 7= 2F Ko WAl R 46
PR R, X ATRESE T & 2 RIMG T 400 EPS A& L S H A W id 1 . SHI &8 A 0.05 g L' 9
LRGSR EPS P H S NI T 80%, A L K ad T I A 1) QS & ik il B 7 19 A=
K, WA R ZEAAT R . RIS, EARE R R, EM)S (Bio-PANPs-5), Al iR £k 16 )R
MR L A, (0 I RO b AT S T A R 4 44 R A9 Bio-PdNPs-0 41, i — 2 )i B Bio-
Pd’ 761 A Ak et B v ) AR AR AR .

’s @ Bio-PdNPs-0 (NO; ) 6 [_]Bio-PdNPs-0 7/ -
r A A Bio-PdNPs-5(NO.) r o . y
_ : OBioPANPs-ONO, )~ 14 [ Bz Bio-pdNPs-5 7
= 20 4, A Bio-PdNPs-5(NO; ) ~
< ; 4, w 12+
&0 ! i E ]
;D 15 00 : mmt 10 +
§ I I ? : ! E&‘ 8r
P 10 | 1 | ' , Hé
= [ I N N (R A A =2 6t 7
= [ O O N ' o
N R ! N
I I I I ! : [e) : L
O O A ! I: ! TO 2
0 0 0 ! ! ! | ! | ! 0
0 0.3 0.6 0.8 1.0 0 0.3 0.6 0.8 1.0
FLRUSE(g- L) FERUSE (gL
(a) 22 Z X Bio-Pd/ 53 Y S Al Ak S 17 o A 5 i (b) F 2= KX Bio-Pd/1- 1% S A Ak ik A 0 A B R AR SR ek 1y S i)

4 FZE¥ Bio-Pd M SREULHET
Fig. 4 Effects of vanillin on Bio-Pd’- mediated denitrification

HE— 2 DL AR (g B R JE 7 00 Sl 500 5 I Ak B X Bio-Pd” A S Y SRS Ak IR R DL IR S, A
02 gL' M E IS , AL (Bio-PANPs-0) 4 1 14 15 e NO, Fl NO, = fif £k # 2% 43 51 fi 1532,
13.96 mg-(g-h) '(LL VSS i) #2553 17.52. 1597 mg-(g-h)™", HHMN AL #E RN 14.36% . 14.40%., f4E
1 (Bio-PdNPs-5) 13 ¥4 75 Jé ff* NO, 1 NO, J2 A 1k 7 R 43 51l 1 22.50, 22.19 mg-(g-h) ' #2755 3] 27.72.
27.21 mg-(g-h)™", FIRPIPERER N 23.20% ., 22.62%, FHIEA =4 KE VR E, JIHREA
TRV VAR T A A A ], ) s 10 B A5 ) A %y 8 4 i Ak it R LA AR A 52 . CHENG 451
] A AR AR Z th 4800 2 pmol- L™ 1 A& RN A5 5 43 F C-HSL ] 1 PR 480 B i A Al 1R 6 1 25 B %
JFH A N,O B’ 8 . TOYOFUKU 41" 75 4l 45 {50 i &7 (P. aeruginosa. PAO1) A ALK F UL 52
F| QS ZEZE{& (Arhll F1 Alasl) RE % I fis R £ (A8 J5, 1 AR QS 1% 5 4> F C,-HSL(10 pmol-L™") il 3-
0x0-C,,-HSL(1 pmol'L™") J& , iR #h 1) i J5t AR R AR 2 5 R Y 7K SF-, 3 — 2D i 9 PO 3¢ W) 4t e B
B 0 rhl QS & 48 ] LA i 5 narkl . nirS. norC Fl nosR FE K (%5 sES2 0 IS EVE T, las QS R4
i 1 AE T rhl QS & 4t I6) #2532 i KL fl 4k o &7 1n] LLAS H U i QST 4% & Mt £k B mT LA 7E #3 [R] Bio-
PANPs fb2= AL AE FH G S Atk Tt — 25 32 o 2B ) R i AR RACR
2.5 Bio-Pd" Il & B & A HIHI 2T

PR B A W RIS S5 A0 LI 6. B 18 6 T WL, Bio-PANPs X 117K - |- A s A5 1 B V% 405 #4952 Wil
K, G EEB A E A S A E ] (Patescibacteria) . "X AT 1 1] (Proteobacteria) . 4175 T ]
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."4'? SN T—‘
%.D 25 . \\%’D 12k _
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pey i : e
= 15+ E Q E % 41
Iq | e 7
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R B (g - L) B IR /(g - L)
() J& B WAL X ST F 3 SR A 5 ) (b)J& B Bk Akt I R S S ek 5 )
&5 'S E{LEEXT Bio-PdNPs 1+ 5 R FE L BYE2 MR
Fig. 5 Effects of porcine kidney on Bio-PdNPs - mediated denitrification
100 - pos p— 100

80 L - 80 — uncultured_bacterium_o_C10-SBIA
- [ Others 0 Rikenellaceae

I . . [ Others
.

Verrucomicrobia Rhodocyclaceae
Sp{rochaetes_ - Blastocatellaceae
s 60k Aczc'Iobacteru'z S 60 F Propionibacteriaceae
’ﬁ( Ac'*tm_obactena e Saccharimonadaceae
B Ftrmtcytes H# Veillonellaceae
= 0 Synergistetes P [ Lentimicrobiaceae
= 40| Bacieroidetes Z 40 + Synergistaceae
Chloroflexi ] Anaerolineaceae
[ | Proteo{)acterzq I Enterobacteriaceae
20 B Patescibacteria 2 I uncultured bacterium_o_Saccharimonadales
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(a) 1K e 2 (b) FEK TR D b
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Fig. 6 Effect of Bio-Pd” on microbial community structure

(Chloroflexi) FI4UFT 18 '] (Bacteroidetes), X SEfE ¥ 5 [ igfe A P, fi#k Bio-PdNPs J5 I ik 4 F
WK 5 =S . o, AH L3 Bio-PANPs-0 FR - AR 1T 2R3 R T . BUFFIR T T A AR X =F B
N 26.78%. 12.57%. 10.20% iX ¥& fif /£ ¥ 7€ Bio-PANPs-5 Hh ¥ AH X £ B 43 i 42 & & 27.78%.
13.23% F1 10.46%, i W I (5 HE 7R 0 4048 ) W A 42 @, 022 JE AT 18 1] Bio-PdNPs-0 4 28.60% % =
Bio-PdNPs-5 [ 25.54%, W& A FEA% . oAb, 78 2 SN AR 5 o XA M 2 B3R B 1] (Synergistetes), Xt
A UM B R 1Y B A B R VE T, EIRAE LR R 2 A A AR R M — . R
BE TR '] (Firmicutes) F L4 W ] (Actinobacteria) WAE 2 UGS ALK R v 54 K 0 2], IF H HAF Bio-
PANPs-5 1) 5 [ (7.51% . 4.01%) 2155 T Bio-PANPs-0(6.55% . 3.35%). A WF5cP? K0, JERER T
AT 115 4 el 7 IR R S A5 L) A A O

Bl Y IS B0 BT 25 SRR B, Saccharimonadales . 7 #T # Bl (Enterobacteriaceae) FllJK
48 W B (Anaerolineaceae) &= LR Z ) 3 Fp E B HE R, Hod Saccharimonadales 55 14 12 £h i) 18
JE A O, IR AR 4 R RHE DR A BE h A I o A ALY, Be % Ry SO A TR B R 0 T I L, AR
Bio-PdANPs-5(22.85% . 9.80%) () S i A4 2 o /) b7 L ¥4 5 T Bio-PdNPs-0(21.42% . 9.60%). L4, Al
PLIA J5 A 19 21 35 & BE (Rhodocyclaceae) "W 7 2 4~ J L 44 Z& i ¥4 A 2], H H 7F Bio-PdNPs-
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5(1.52%) "1 (5 L 5 T Bio-PdNPs-0(1.46%), HA M FiLasae )1, At omAtL . ERMR A
M o BE 10 B8 O TR A AL T (Synergistaceae)™ 1 7F Bio-PdNPs-0(7.53%) il Bio-PdNPs-5(7.30%) H
U S

HAFEREME, 5SS 2Z228MNBESE (AHL) (55 A I AR . IR 48 R R B E
LR SAAL T P 7E 11 2k Bio-PANPs J5 ol # 98 b ol % JL-F 1% A 284k, R HE L QS 5540 F Al fig X g
Ak =4 T T & W . P TOYOFUKU 25 " F 58 & B, QS AR % 43 F nl LA il 4 2% {2 20 a7
(Pseudomonas aeruginosa PAO1) LA Ak A (narkl, nirS. norC) K )5 3l F. Bt4h, Bio-PANPs-5 H1if
K 2] HoAth 5 QS #H AU AN , W WR 48 6 B} (Caldilineaceae). 41T 1 FF (Rhodobacteraceae), #f 1A &k
7V K (QQ) MH S I B AT 8 B} (Flavobacteriaceae), JEEABATHY L BIHAK (< 19%), (BAE ALY A B AR
[ 45 B g i i B vh R TR 25 200
3 g

1) ARG 75 U8 1 2 Bio-Pd° J5, AW ARG MEHR &, SRS ALES Nar, Nir, Nor il Nos X
L, 1 AR T FE R0 B4R T 50.35% . 63.38% . 63.38%. 70.92%, Jf H. Bio-Pd’ i /b T [ Ak Bl 7= 4
IV il 2 5 A1 NLO R

2) A 22 Z 0 A= W I AL B I AR FH 36 B Bio-Pd® 78 1% S W Ak i A v oA EE A AR AR AR A .

3) B T 5 QS Il QQ A SCHYEE 4514, I s 2k Vs i A J 10z VA% 51 4 T Ak il v LA
E— 2R A Y R AL RE 1, 3 R Ak T K AR A T SR s AR A A

2 % X M
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Abstract  Nitrogen pollution in waterbody posed a serious threat to eco-environment and human health.
Therefore, to explore efficient denitrification methods has become a focus in the field of water treatment. In this
study, zero-valent palladium (Bio-Pd”) was in-situ synthesized by anaerobic sludge, and the effect of palladium
loading on denitrification was investigated. The results showed that an appropriate amount of palladium loading
could accelerate the electron utilization efficiency, reduce the accumulation of nitrite and N,O, and increase the
nitrate removal rate by 38.54%, while denitrification was inhibited with excessive palladium. The mechanism
was analyzed from the aspects of microbial metabolism and quorum sensing. The results showed that an
appropriate amount of palladium loading could promote the metabolic capacity of microorganisms and increase
the organic utilization rate. Moreover, the addition of 0.2 g-L™" group sensing inhibitor (QSI) porcine kidney
acylase could further enhance the biological denitrification effect. The results of this study have an important
reference for improving the denitrification effect of sewage.

Keywords biosynthetic palladium; denitrification; quorum sensing; microbial community structure
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