EREF-MENTVIRBRIZEHERBKRHBIEZERFHERITORS

ARFRFGEH AR AIER 2% BTIHIEA

WrEfiRAE R
FEARFRZHE H AR EITFER B BRECX

S FENF e

GU G[Y

1. S5

R AR DR & LT, ERFEMKLEIENAK, TEMKE L TAFATHME S
NTW5D, I, (LFEECTEIKICE Y, KR ORMEEIEESR (RS 42) O
FEREEIL TV, HBEMEERIC K o> THRE T T KPERIZIRY A5 &, LR
GERFEOAT v, T N, BEIRIF 7R EVRAI IR E A S R 3 2 EARBITH BT
PpoTE T, FRCEREDOAEPEMZ & 5 12D IR 2 2 130 0 1 L isBetE 2R O RE D
FEUET DI H D, T O K D REHEHIZRBLIC &b b3, RS R DR BRI
DERITEL E Vo TRWIFEEHA TR, BEFEM TIXRE A A 2 SRR
BRBEREETHLIN, 2R NRELSFELSLVOERIZIRECHS, $72, 2 nbixb F
ThrE (DBEEII) B CTdH 0, LIRS Y B 70 LT - 2 BR BE Aer & £ Te T RENE
#%éo:@ﬁkkwf,m&@%%%ﬁ%tgﬁwx_ﬁﬁ¢5@m7mﬂxﬂ@ﬁ%
THDHN, ERLUNIELTHDE L DIER, BEREVKIEROT-ZDITIE, FREL X
VTR T E DBRMEZE R O LB AR LEN 5,

bihvbiud, 7a b ARG S F ERERE R Z R U7 K OBER DRI K - TR
KA CHERT DKEDN, WEIEERICH L CEWKISEZRTZ L2 R LE[14], A7
BV ADT 7 T7F—2hRIT30%EBE, IEROMBSETIEDNRICTET HHEY, &
MR L CERUL TN AET DKBOFIRE, SBEE DT/ fiE & T B
L TS NP S D TERL T — it 7V » R 2L 5EE
ZHD, ZOH LW rER%Z, BEFOMEEMEEFRE O E L R L, EkDEX
M?&%%ﬁ%ﬁ%fiﬁiﬁﬁﬁﬁ4ﬁV%7V%“7A4ﬁ/ﬁmiﬁéi,ﬁﬁ%
FMELS FEHLMTIFHEL TO2RY, 2 LT, AFETIRET 2 BXULF AL
A7V v F‘fif“éiéﬁk%#ﬁ%fi%%f‘, MOXDLOTEVIENEELNDL Z 0D,
IR, REREAR, LU OUNIOISEHIKEbEIN & LT odetit:, BEafA45 L
Wz 5,

2. @ TERERERE(SPE) V7 7 # —IZ X HiHEEA A v DiE Lk

b8 » & 72 EDFETEIREMZ LA L7~ Nafion-117(BE 180 um, B : 6 cm?) % HW
TFiglTmRd U7 72— ER LT, A 4 BN Oy F YT 7 2 —%
AV, iR, 100 mA OEBRSM TIT>72, NO;, NO,, NH, ORE I A4 7ua~ v
77 4 —&HWTHIE LT,

HERIG L & BT L TIE, Hy OFAENBISN, e & HITHEEA 4 v DETH
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BA#A L 7= (Fig.1), Epk# & L CTIEREs

W RS R A A > (NO ) 2N AERK L, C::;;ij:igzzcc
PRI & & b I IR Uiz, I772 o, 3 ,
b, BEEA A TR A t:lgi

ZREHTO2BRRIGEEZBND, [A

FRICH A O& R A2 EMm & L CHWTHH l i%
fie A A i n M & S L 7245 5 A anode Nafion “\modifier

(P cathode
Fig.2 2789, Pt <° Pd OIEMEIFIER IC

K<, mMEArZEAILL THIEMEDR L
TR BNV, ikt LT, Cu &
Pt L<IXCu b PdEEAILTHZ L
THRERAIZIETED M B35 Z & S
IR ALY

HEASEE A A 2O T b [FEEICE T ¢ %0 % %1 180 18
BUSZEATYS, RSB ER (k), ER

PEE SRR A A BITOES L eig LT Fig.l TEHESPE [RESEKEZ AW D MEEA 4 i

Table 1 12753, Pd ZEdA, cu 87 7T V7 72— OfG L Lhetk. S,
’ cwm@@ﬁ&6o 2100 mA, NO; ¥ : 3000

&®@ém_iDmM4ﬁ/k£U@ ! e TR, A

mgL", {AFH 7 mL.
TSR A A W7 DI TTIT R D IR
TREBAICHINN LTz, —J7, Pt ZJHWZEEAIE, Cu & DEAIIC L 0 RSERA A4 L& TTiHPEDS
R&EL M BT 205, WHERA A iEniddcESnievy, Znss, Cu/Pt TiE Cu/Pd T~ T
B A A BT O HAEIE A A4V BIRENE LS R 2B TH D, WITNOLAED, #EEA
T2 B HRRSERA A ~OIEITTIBIRIC Cu NEBE & E 2 -3 Lkt bn b,

w
w

NN W
o O O
T

—_
(&)} fe]
T T

Concentration / 10°mg L™
I

[e)

o
o
B

0.02 |

Rate constant / min-!

Pt Pd Cu Cu/Pt Ni/Pt Ni/Cu/PtCu/Pd Ni/Pd Pt/Pd Ir/Pd Cullr/Pd
Cathode metal plated

Fig2 fHIEA A B2 utERelC IE TR 8.
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Fig.3 |2 Cu/Pt 3L Cu/Pd [z
NO; & o 1 R IE TR 71 %
ATz, IR ER K IE Pt 8 5 W
Pd B TIIIERITIRLS, Cuho &I
FoTEHELLMELE, ZORE, Cu
7315 % (Cu/Pt)d> % W Mg 38 % (Cu/Pd) D
FRARIZ B\ T E N s KIEME 215
oo TR DR DRERF AL A Tl 0 0.2 (ﬁ 0.6 0.8 1
NPT, WTROBA b NOy 13K Cucuipy
JERENCHEIN L 7= %084 L, NOs iEJT
23 NO; Z M+ 2B RIS TH D Z
Bl § VS SN

0.06

©
o
=

0.02

Rate constant / min!

Fig.3 Cu/Pd 3 KU Cu/Pt DRYEEA A & TinTE.

Table 1 SO IHEEEES & AERRIEPUE

NO; ™~ reduction NO, " reduction
k selectivity to k selectivity to
/min” NO,™ NH," / min™ NH,"
Pd 1.7 x 107 12 9 2.9 %107 46
Cu/Pd 16.7 x 107 15 16 13.9 x 107 25
Pt 0.9 x 107 0 49 1.6 x 107 11
Cu/Pt 17.8 x 107 40 11 2.8 %107 26

3000 mg/L NO; /NO, , 100mA , 3h, =],

Bt i = COmEEA A B & LT, SIS & BRALFRIGED 2 DO
PERE 2 b D, MBEIS T, BRACFAICIAE LIoKTE & lHiEA 4o B EmEm LT
T

2NO; +5H, » N, +20H +4H,0 (1)
—J5, WA A NBRALFRNCER A~ LR
TEEIND ISR LN TN D,

2NO; + 12H + 106 —» N, + 6H,0  (2)

2NO; +6H,0+10e — N, + 120H  (3)

INODRIST, A F NI RN TEHR
B IEEND EUE LA, KISIZ X0 &
T D KEBRALA F 2 EET D E TS .
WD RISTEREZ D pH OfEIXENE T, 12, 0 0 60 Timj‘;mm 1201
%13&&501hKﬁLT,KH%K%”'}@4/%%4ﬁyﬁﬁﬁﬁhﬁﬁﬁcm®%
% CulPt, CoPd AWFNOBRENT s, Cu/Pt & HHHAS 6.0cm®, 100 mA.
A, MUSTERERIZIE pH 23 12 Fitkic L5

N N W W
OU‘IE)U‘I

-
(@]

Concentration / 10° mg L™’
o

_ NH,*

Py
4 bd
(>

(=]
P
L

[ el ]

1€

0
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L7z, T72bb, B EICBIT DA 4 v Z i3 S(OIC L 5 2 ERHEE S5,
MR A A B ITPUCZRET 57212, EAT25 pH 28T 20 E R N HDH, £ 2T, 2
R DOYAHRIZ pH FEEA & LT bRFEENT U 7 LR GLIEE LT, TOME, Figs
WRT R OITISWRE ARES LTz, HIEA Ao OB 4 ff5m L, 20k,
R A A DERNE LW Lz, £, TrE=U LA A OERKITOTNOHE
BN ERghote, TOXHITCOUZLD pHAREICL - C, EnzE L e, K
FRHHRIL30%E X HETEA LT,

3. 7ua—U 77 Z—0RIEL MRETAR

T =T 7 E—%H

W, 0.1 mL/min THOHNZT ©
—2EbLLICEHET DL, 01 (ﬁ,,j;f;ﬁ}’;;flﬁﬂ
L/h O ClRl CMERE & k7

B2 16.7 O BMEREA &

oD, TRETHNEY T &l
7 B — DG HEEL 6 cm®
BT, FD 167 %D 100 cm®
L4 57w, —il Sem OIS U
T O R-Nafion 5 4 £ 1F4Y Som .
L7me 2D 4 KDL VLT A

Fr=nT v FLiz7u—U7T
7B —%RIELT (Figs), k&
BERIZ) 727 4 —N%E U T
RNZ AL, PRSI 72 5,
UTHBNCT 22 kick0, g
A AR K BHICHET
HIENTED, WA A
FEW/NY 72— L RT 30
mg/L C, WiiHIL 0.1 L/h iz L,
X 0.1 & 1.67 A THIEL
oo A—NT v L7 a—
V7 72 —DI 8% Fig.6 (TR
T, VT 7 E—KIKIFAT
2B CHAE XN 2 BET 5 HI TR Y I—=R % — MRz vz, BH7 87V I13E
B OMIZIH > TEE I LTV,

AER A FHWVVIEKG & 0.1 L/h 123810 D iElE A A 2 & o S FrE 2 310 L 7= (Fig.7) . Rl o

==—30 mg/L NO;~
FE : 0.1 L/h

€W®

Nafion |

& BE
21 cm

Nafion I
— i

BiE:
Pt/Nafion/Cu-Pd

E@

Fig.s5 #{EL7=70—U 7T 7 % —Dtki.

Fig6 #MfEL7=7n—U 727 % —0DIE
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WY T 7 2 —Dga LF CEREEICT 5720, 1.67A OB LT LIcEa & /Y 77

Z—CREICERMICLIZSGA LR LT 24, MEITIZE AL CEbREL R LI,

-
—

OFERIL, BHHE 0.1 A IZBWTKBEUEEE D REEE A A4 > ORItIZiT 40T, A
FALPERE 2 D DB RN TIZ > TS 2 EEXFFL T D,
BUTE, HARENOHEI K OMHEIEA A4 EEEIX 10mg/L L FTh D, £ T, ZOHK
A EET DT DITRHERA A IR A2 10 mg/L & L78A OVERE 2 314Mh L 7=, iBRA 4
10450 1 FREE TR T LR, A e L TERNOEEMEIL T OIS 42 &7 T
=LA FUPMRBETH D BRI,

[167A] [01A]
(N T HRERILEREE) (N7 HREBLETRIE)
35 35
S, 304 30
E 25
s 20
E 15 15
§ 10 No.- 10 NO.-
& °[No,NA7 >4 %INO,,NH e
O b 244y 4 s o ——ty————4
O 3 60 9 120 150 180 0O 30 60 9 120 150 180

Time/min

Fig7 #fEL7=7v—0 77 X —IZ L DA 4> OET.

100 mA, NO; M : 15mg L, HtAEE 0.1 L-h".

A 2 O TG HIE 0.1 Lh 128
FHIRTNT —F —HOREEEA A
DI &A1= (Fig.8), F, CI, SO,
Na®, K", Mg™, Ca®'7p L DdfiA 4
DIFET, WA 4L DANRBRESH,
FEHKIZK L THHomy iz R4 2
EMFFES NI AR T 7 2 — DRI,
B EILIRIESE OB % BRI PR
TELHRIZHD, EKPIZEEND
XTIV R A B RN DT, &
ETIED D MEWERLS RUVIKIZZR Y iz
W, BRERHE O 2 LA B ER IR
FROHBERETDHEINE LTHIR S LD,

Time/min

&, Cu/Pd [EMEFE 100 cm?

)

Concentration/mg/L

X
A SO2-
°
|

Time/min

Fig8 IR T NU4—H—HICHEENDMEEEA A
YOT7u—Y Ty H =k BET. K, Cu/PdfE
FRIEFE 100 cm?, 100 mA, NO; #J#E : 15mgL™’,

fEHAIHEL 0.1 L

hl.

BAE, HARENOEEIKF ORSEEA A BEHEEIX 10 mg/L LT Th 5, &0 HwIED @AY
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A A 2OV TIX0.05mg/L, 7 E=TIZOWTIE 1L.5mg/L (W s WHO HA K F A
UE) NEEND,

S 5T Table 2 (2~ 3 4 FEDOF AL OFERK & TR A AV BIC S Z T -T2, 7272 L,
IRIEA A (COS)DIREITRHATH 5, Bk A IZEBHIAKZHOTHHEL L 72 KNO; IR T
bbH, 7r—UT 7 Z =L DHETELIUGH SR % Table 3 127”97, 0.1 L/h Ot TRafi=s

WS L7 A, 88%0 NOs Bafb B3 #Epk S iz, AR IEIL NO, (< 2.3%, 0.2 mg/L)
BELUNH (< 1.1%, 0.1 mg/L) £ &<, NH,OH (ZMHIRALL T TH - 7=, #ABR/K B,C,D 1T 3
FEDOH T AKRZ HWTHRE Lo, #FAKIZHEBRICE E 07 A 4 2 DI A A V8IS

\ZH- 2 DB AT, WA A 2 E £ 0iERK A DA AT NOs ik ixiEd
L, NO, 3 LU NH, BIRFDHIN L7z, KRB 2Bk D T SO, Ca®' B X
UM %< G0 T, ZRBMRA 4> OIAFHIRIZON T HRE LT, 2 DOfE S, COsY
IR DHENRBIE Th o7, RITTEMERHEERF Cu-Pd il (3 wt% Pd, 5wt% Cu)Zz M 7o
NO; D Hy i X B8 TTRUSIZ KIE T IAFA A DR Z FERICHRET L7z, Table 4 (2”3 X5
\CHEAFA F N KD EBITELRIFA L T LU T 7 2 & W T35 (Table 3)THAR T/
SV, HFEIFEERBORMR ETORISZFRADBIRTHDL Z L ngnol,

Table 2 fHIERA A LB ITTRUGZ A= 4 FEOZER/K DHLK

NO; F- Cl- Brr SO, PO,* Na* K* Mg* Ca%*
test water A 101 0 0 0 0 0 0 4.7 0 0
test water B 24.8 0.3 9.1 0.2 6.1 0.1 75 4.0 6.3 1341
test water C 105 0.2 10.2 0.2 4.9 0.3 226 0.6 34 6.2
test water D 12.2 3.6 92 04 25.4 0.3 131 441 8.2 17.5

Table 3 4 FEORERAKZ FH - REEE A 4 > @ IT s 5

NO; selectivity / %
conversion / % NO, NH4*
test water A 88 2 1
test water B 77 6 12
test water C 83 6 29
test water D 74 1 36

100 mA, 0.1 L/h, room temperature, anode:Pt, cathode:55% Cu,
45% Pd

Table 4  VEMEERHEEF Cu-Pd filffIZ X % NOs -H, )i

selectivity / %

coexisting ion k / min-

NO, NH,*
none 27.4 x 103 19.7 15.4
100 mg/L CI- 19.0 x 103 12.8 12.6
100 mg/L SO > 25.7 x 10% 12.1 13.5
100 mg/L CO,> 27.2 x 103 28.6 10.4

100 mg/L NO,-200 mL, room temperature, H,:30 mL/min,
3wt% Pd-5wt% Cu/C.
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4. s
EKPICE EN DA Ao bE B E LT, @O FEEREREEZ 5%
AL Y 7 7 2 — OREE L & KA OFIEEIT > T2k R, LT OfimaE 57,

OFEm FEERERE — 7 v 7 U ZHWICiEiEA 4 B2 IS EXE IR E S D
EBZ B, RBEmFKEOSEOMMBER S HERA 4, HHEEA 4 iRtk X OVER D
PPECE L WEEE 52 5,

©@Pd BEfEA~D Cu A v F(d, Cu/Pt REM L [FERIZE LWEMR L2 726 Lz, NOy B &
OYNO, H#ICITHRT DIEMEZ - L 724558, Cu 23 NO; — NO, ORRICH B RIEERTH
HEBZBND, Cu/PtRITANEEA A 8Tl T Cu/Pd 12455 H DD, NHy ARk L v b
RN ENgho T,

@COIZ X > T pHIED EFH-ZHIT 25 Z & T, iHEA AV iB Tl E Zm L SH, NO, D4
AEMZ GILD EEXBIND, HIEIEITCICKT D ERDRITRK 30%IZEE L, Ol
HIREIE A A 32 ICIC R T, MO TEIETH -7,

@7u—V 77 —%ERL, m&4ﬁ/@m%$%JMLto@Mﬁmi% TR B
DBEZ T D10, BMEEOHE KB EMERIEEZN D ETRERWI ERGhoT,
®O7a =0T I B =% AT —NLT v/ Lf:?%vk s fE L7, EREMERES X OEmRO

RKEFEIZE T, EREEINT 52 L7, MWELRLERT LI LN TE,

HiEE
AFFEIE ] FE 2 1 M o8 Rkic & - TiThiviz,

Sk
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