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Abstract: Global change has imposed multiple environment stresses on coastal waters. Rapid urbanization and increasing human perturbation resulted in
severe nutrient loadings followed by eutrophication in coastal waters. Therefore source identification and tracking become critical for water quality
management. Based on its feasibility, here we conducted a case study for Xiamen coastal river, in order to track possible nitrogen pollution sources. Water
quality was measured in the whole river during dry season, in order to explore the biogeochemical processes of nitrogen. With dual isotopic techniques
(6N and 6" 0) and statistical information of land uses, we identified the key source of nitrogen pollutants, and clarified the causes leading to
ammonium levels of exceeding standards. Current results show that ammonium was the dominant form (>50%) of dissolved inorganic nitrogen at 63%
sampling sites. Ammonium concentration increased along river downward and significantly correlated with the areal proportion of built/residence lands and
aquaculture ponds in associate catchment. Soil organic nitrogen, manure and sewage, and synthetic fertilizer contribute 89% ~91% of nitrate sources.
Therefore, we proposed that nitrogen emission abatement, ecological restoration and integrated sea—land management should be considered together for
improving water quality management. This study provides an important reference for national water pollution control and management.
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1 5|5 (Introduction)

ISP NN 28 S PN e o8 > & 1
HEURR Y DI AR 1) Ak T T B Sl B A ) T VS
T AR B 29 Ak 28 77 N PR G A A B B il
W A TS YA 22 R ). A R /el 2 )
AR 19 75 77 R 0 R A KA 51K B AL
FA: W) ZZ R PR AG ( Weijters er al., 2009) AT #E4HT
KB E SR A T S EOEE B B A F e
AR X i &5 1 AR A8 30N ( Chen et al., 2012;
Paerl, 2006) /KA A& EEAFEAHLA A L6
PREL IR L B2, Hoh, & N+ 7 L&l
G AFEIE 7K 5 G i HE Y 29 AP A, SR S 2
RT5 G SR FA R HE . i 25 TU4E | & PB4
ANBE B, 2l i 7K 75 G i B e K 5t () (8. 2K
4 [ 3 ] P ) i 2 SRR T TCAIL R AT K 5 i A .
2015 4F 4 F 55 Be A A ORI GeBiiatrahitJal ) (i
PROK A+ 25)) , 2016 4F 6 J] [ Z 358 4 B Bl
CRTRAKARRAR 7 58 2 ) 20 TAE R ) |
SR RBUNFT R ARIIAR A G 1l 154507 58 oK B AR
R SR T R AR RS R, KRk
brog— A RGN TAE, St A AR HRBCR LA TR
T H TCEE HRAS T i ReA 5 [ R0 A 25 i Tl /K AR A
TR AR RS EIFRE R G0 #r, U Gk
U8 WK BUR RE IR AR 9 R 5 BRI, A BERR 22 5 44
Hm ARG e 35 G IR AR A IR AR RO R
W2 KB 7 58 G i) ARt 16 1) i

HFOK BRRIFAR 2 | Horpdie 52 T 0 2 A R
V5 YL AR Kohl %5 (1971) 1 YR A B2 35 4L W)
BER VA T A AL X o] 38 A R Fh ) 52 Ml T 4Pk
e AR R 7 2 C A A 5 B R AR 312
N H A5, 2004 TR EH A5, 2010) . H1 A [F) il
MRERRIF AR R A HER R, AR
TF iR PR ORUR] 2 28 5 12 A JC TR G A A ) LA
PHEBS b DT 68 T A 1) DA 0 B 9 L 2B ) b BR AL o
7F #2 ( Anisfeld et al., 2007; Chang et al., 2002;
Chen et al., 2009; Chen et al., 2012 ; Deutsch et al.
2006; Li et al., 2010; Mayer et al., 2002; Xue
et al., 2014; Yue et al., 2013; Zhang et al., 2014;
Zhi et al., 2016) AFFI F %0 40 R (02 38 7E 12 4%l il AR
TR LB 1 B 58 30 A 22 (TR A48, 2014) , HG
2 HER R 2 AR R AN E A A D
I PRI 58 205 G 1 7 A= S dar i, #E i o A & T

Yok P55 Tk, F) FH] HSPF  SWAT 25 41 AR AU i1 5k
Tamgit 5id AL G0 SPARROW FHS (R 7E
MAE | 2010) , AT A BT T UL 7 AR AL (H
FLHR SR BTSSR A X 2%, S ESR A 5 4R
B, Ll PR s, M LA 7E /K 5 A8 B S 38 v A 056 .
TAN KR P HETG FRBOR AT R B RS Y AT
M ITEAEBRAE ERCh R (0 R B U 3R 22 K,
HLY5 G B faf AT X Ry G0 3 5 e, X L5518 1 K 5
T N OC RN AT 2 R B A XA
T A B AL FEF T SR 1 B AR ( GWLE) |
R T A ZR S8 (NANT) Fl GIS 23 [ 0 A, 2%
BT ) A7 B X R T e IR AT (2 O A,
2014)  MOKMIE AR 0 B2, 75 258 00 1 M i dlat 2
2205 KIREE JKBEIR 5K A S A LM ER,
KRR AU B B A A A e AL AL
HE T 0] B (4 BT ) ) 10 G i R UR R
KT RS AN BRAN 5T AT 95 H R ALK 5.

Sk T L TR VS VAT 7K A 3K s R BT 8 2 1 K 3
B B R TR, W7 VA R AR 2 S B
AL JE ] 28 9 g 3 ) R ——id 2R ],
FETLEAWIIRHE /K AR TR bR R W 47K R 4330 B i
IR IIE A3 A FE B 55 AL LA, i A7 0T 38 2R
(A P R A2 B | SR FH A 1% 5 220 SR IR] 467 2% v
JCIR A BRIIEAL FHOR U K sk, M GIS B AR
A 5K BT (STES AR ) 2s [C R, 43
TH] B B 005 e 1) =2 B VR R AL, 32 10 e
AL K AR SRR o7 T A 19 S W, Sy 3R K 5 YL By iR
PR AR 5 2 .

2 ## 57 % (Materials and methods)

2.1 RN

I ZREN T T PG AL ER, YT A
P, 3 4300 (0 1.2.3) U0 A T2 T
(A2 320 1) K2 15 km, PRI 43.5 km?, ¥
K 8 AMATHELRS AL 6 > HAANT, NH 6.2 J7. N 2%
Ll Fe B, M A PO b ) AR e A S T S AR g T 2
WA AR 21 °C AEFER R 1350 ~ 1500 mm. it
ZEB 0% PRUE R ikl A P32 0.8 m ™ T AR
e AT 22 SRV R B R R ek b 3R K PR 5 T A b o
(GB3838-2002) IVZE/K 5T (/K FREE LI REIX 23K ) .
22 HEXELEH N

Wit 258 3 45 LN T8 Ui R 19
AL (ST 53 il o2& AL~ A9 B1~B7.C1~C3), H
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WSO 1 RIS 2 S B S, R AR ST R
A A% s AN HETS L3567 (APT,AP2  AP3 BPI .
BP2) , S M v B 15 7K B A (52 ) 3 A K IS 3R
AR R K BT AR R, AR B R TR L, A
FET 2015 4F 11 H 6 B (Hh7KIE]) 47 RAE, SRAE
AT 1A H PITERERT , Il 3 i e /N (39 ) H 2.5 L
A LIS R E R AR KA (0.5 m 8 172 KIE) , 3
F 500 mL R Z M, BT oK O R4S v R R
WTW ZZ$0K B (Multi 3430) J5 4735 pH . DO .
P SIEINCERS

JKEE Y KA ] 5286 %8, 4 GF/F 5y (T
450 CHIBE 4 h) , WCHE U VRO 100 5 78 % 2 ANl 1R
ERRAFN ZE (HA 14 A7), BB LR
W AE BT WURI Y (TSM) FNF 48 % a( Chl-a) . 525
AR F . OB I R AA3 B R A s AL
(5% Bran+ Lucbbe 23 H]) M & 5 T2 B & (NH;-N |
NO;-N F1 NO;-N) ¥ B8 ; 285 P 2o 7 12 # 7H d J )
NO;-N J5 008 i A5 A (DTN ; B T A5 i
TEHLA (DIN=[ NH;-N]+[ NO;-N]+[ NO;-N 1) Fli%
fi# A HL & ( DON = DTN - DIN ) ; NH}-N, NO;-N Al
NOS-N KR 435124 0.01 ,0.01 1 0.001 mg-L™"( LX
N I) , 1094 5 A7 R 1R 22 < 5% . Qi R £h AU
;2. Al B = N, O 38 5 i 1Y 2 i 1k 40 7
( Pseudomonas aureofaciens ) ¥ 7K #£ H i) NO;-N
NO,-N(NO,) ¥4tk N,0 S 4K, il i GasBench 1I-
IRMS ( Thermo Scientific DELTA V advantage ) ] %
N, O R GEURI v 28, P8 ok 0 R4 28 o fh 2 A 1
Ja AFEPKEE R NO, B A A R &K ( Casciotti et al.,
2002; Sigman et al., 2001).6"N F16"0 &5 B 7>
WA 0.2%0F1 0.5%0. S FE G NOS-N 5 NO, Y
80% LA I, T 3CHE R NO3-N 18 NO,.(B)TSM
B KRE S IR B T 105 CHLAE TR AL T B
PR A5 SIS BT UKL 0T A, AR 4R 6T 1 3ot 0 (R R 5
TSM. @52 a. 53 B — @ R FUKFE 2 GF/F Biid
U8, UEEH 90% T4 IR 46 HUS I Turner %% 5611 %
(Parsons et al.,1984).
23 BAEAESL G

FIH Parnell % (2010) JF % ) SIAR TR A #EH
T & o0 (R VR ) XA NOS-N A 5 ik Eb (9 K
HAER AT, BAR W (1) ASCE BRI T
A ALHE ZEHE 35K % 4 o, R BRI R4
WS REE (R84, 2016) ARBER (1) FHI5E
¥ ¢, =0, RIME BT Kt AN AETE U W S s A AR

AR PRI E BT K 8N #1080, FIFH R 18 & 4k
TR SIAR F2 7403 5 AS 5] 35 G 1Y STk L 491

k
Xy = 2 piley +53) + &
Py

i~ N(,Lij,a)jzk) (1)

cy ~ N()\jk,szk)

&y ~ N(O,a'jz)
el X5 MR A G = 1.2 30
Noj = 1.2 3o, 50 b MHRTEHY A (=
1.2.3-K) s, W VIME s 0, FARUEDR 2 5 p, R 0TT &
A TTHR O 5 e 20T & 7R j AR BRI 5
N T TR P H 08 7, A 2% 0, W A
w22  AEA R BANR 5 W) Z 18] R RE il 5 19748 i
ST 0, b o

BEAR, FI A2 IR H AR GIS B kA ad 2=

B A A ] oA S AR 2 B SPSS B kAT
W 57K BT S5 6 T K X A b A b (B2
- A P TRAR 7 S K TR F ) AR OG0B 25 5
FRAE R, it 2508 TG Y SR X K A A
B

3 ZER (Results)
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Fig.1 Spatial variation of DO and Chl-a along the two tributaries of

Guoyun River
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PEA R ) BARE T 20 1, S0 2 89 BS w7 (J&
) 9 DO I SFH S (>15 mg- L"), 320 1 il
FSCUE 2 1Y Z2 80 o 2 AR SCIR S 300 2 B3 3
(BHER ER) B Chl-a & (10.46~172.3 pg-L7")
L T 323 1(0.93~38.74 peg-L™") ; HEVS I BP1
IR Chl-a S B 18 (189.8 pg- L") Frf b7 pH
HIE R R 6.63~9.97. 30 1 MYHLFHH 5~ 1532
pS+em™ ;3 2 4 127~300 pS-em™ 7E BB
BORFRR 7 A3 Sl (20 2 TEA) JE IR R 5 )
BETE; 23 3 fHL Rl 206 ~300 pS+em™.
32 FARAEAHERERLBERE

FIE 2 ATAL 2 2k R R A BB AR E
B4 1) & NH;-N 0.19 ~ 10.99 mg - L™, NO;-N
0.003~0.670 mg-L™" ,NO;-N 0.03~2.23 mg-L™" DIN
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PRUERRME (1.5 mg- L") , 323 1 @45 0.31~2.01 £,
H 2 #BAR 0.51~3.55 fi5. LA, SR 2 /9 NO,-N Al
DON ¥ & 1 i 3 3 T S0 1. 45 T8 285 R0k B A T 3
R R—E(E 2) ,NO;-N W7
S 1 RIS T A BT BT TSI 2 A
J; NH;-N Fl NO; -N ¥ BE 78 W S 3R T e 7 A
FIr¥6 T DTN B #2284k 5 DIN 26400, H7E N ik
FEH IR T 22 HETs 1 g, R K 5 2 B Sl ke
FE. S0 1(A3) WK AUE SO0 2(BL) 1Y 1.4 4% 48
PHCWE T (A2) LS AR (B AZ IR G52 )
R, SO 1 BRI 2 1Y 1.5 AR R, S 2
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Fig.2 Spatial variation of nitrogen concentrations along the two tributaries of Guoyun River

P 323 S2 K NHZ-N (5 DIN f B 49 %5

(63%Iuifii NH;-N 5 [t T 50%) .DIN 5 NH;-N
FEAERFEIEAR (r=0.970,p<0.01) , 2 HA K HB 23 vk
f7HY DIN ¥ FE 32 NH;-N £ 6]. 1bAh, i 3 4

AV /359 9 . NH;-N1.90~5.07 mg- L™, NO;-N
1.65~1.80 mg+L™",DIN 3.65~6.98 mg+L", DON
1.49~3.22 mg-L™" DTN 5.14 ~10.19 mg-L™".
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AL 57 B 15 7K KRR A R kUL IR 67 R 4
BRI T 3 A 43 ol (37 7 A6 2 0 e A 16 5K L
A MU FFAEAE X (R ABAS 1 B2, KR AU
)5 2 (B #0 V% 76 IR AL B A LR (BR T A9 Al
B7) , T A uifi 8 0-NO; ¥4k T 1l g2 W 1L AE
S 438 ] (= 10%0 ~ 15%0) 3% I 7R T RS A6V FH 7T R

Y& 38 % 7 DO <2 mg- L7 B s /e TR b & A4
(Kendall, 1998). %] SIAR #ERIAE | 7E 95% 140
TR T, 03 1 A NOS-N 3K I 57 ik o 1 2 . + 35
A 33.6% , ZEHE K5 7K 30.3% ALAE 27.5% RS DT
R 8.6% ; Uit 2 MR IR BTmk FL il . 4 32.8%,
FEAE 29.4% ,FE A0 K75 K 27.1% Fl KDL 10.7%

PEAS A B i A7 7E , itk — D HERR T KR i (K 4).
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NO3 J&—=2%0~4%0,8" 0-NO3 J& 17%0~25%0 (¥ 5Hi% , 2014 ; Nestler et al.
JE 20%0~90%o( HE B, 2014) 5 B fiIbAE = A ISR ER 1) 88 0-NO3 J&
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Fig.3 General nitrate source fingerprints in a diagram of 6N and 8'80 values and those observed in the Guoyun River
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Fig.4 SIAR model estimated proportional contribution of four nitrate sources in the two tributaries of Guoyun River
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NH,-N ¥ & 5 40 B 7K By 4 A 5 e
AR (K S5). 30 1 0 NH,-N % B 5304
FAAT b o b 5 2 TE A5G (r=10.966,p<0.01) ,
SO 2 B NH -N W BE 5% 5 ARG AR 2 (r=
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Fig.5 Relationship between ammonium concentration and land use proportion in associate catchment in the Guoyun River

4 118 ( Discussion)

4.1 FARATLEBAEL KFHEATY B

iR /K ) NH; -N 2R JE TR R TS Y (B &
B4 2013) 3 259 NH;-N (5 DIN 19 [ il e 25
F NO3-N i tb, HA U730 T ek s BT, i
WY T R E SR A AWK S 11
NH; -N Ve B 5530 B e A P b T AR o L | £ 0 1 R
A7 O I S IR A G, 5 b 1 A L A UM
5, T H: T2 A2 A 3 T K R A0 30 SR 5 35 K HE iR
Mo 3 323 2 19 NHG-N W BE 5 s AR 7 L2 2% 0E
A BB FRF 5 7K 75 Gt HoK B S e 45 K. S 2
(A2 29 3 IC AR /Y NH;-N e BBk s T
W BERE A 22, H R B AR AR AT B R, H
BRI YRR S 1 ™8 & 1 B T 320 2 B9 BS
(PESE) B T el 7 19 DO B A Chl-a {HF- B 7R 48
T K, TR 18] 2230) B Ak T 3 AR AT 415 Ao
f7(B1~B5) ¥ Chl-a 5 NH}-N & & 5 AH % (p<
0.01) , B BH M R T /K &l Uik B2 AR, A
YIS B DIN [a] e T ka3 s g
AT A R R AR Ak B A2 TV R S Y i AR 2R
AR R R G , WO TR R T T AE K & DO
{H ( Huang et al., 2003 ; it #f %, 2009; Ni et al.,
2016).

XoF L A A 408 3l 437 45 T 245 20U 32 119 728 Ak i 32

5751 (% 1), & NH;-N £ FRE KT NO;-N, 1
TE 35 WP TR IS BE (R3] B, NO S -N 3 i K F NH; -
N, HEWHT s (Ve FRcsR 2, Jo O 300 1. e A wF
ST, Uit 28 B b I R P B T B T g
THb F 7K NO;-N B9 % A = BOW i NO;-N 3% i
(Zhang et al.,2014 ) , i KU RE I AS 2 3 2 T B
NO;-N ) FE I (Mayer et al.,2002) .77 DO {4
TR ECE AR R T (32 1), T B3 L4 3 ) IR
WAk TURR A /0 1 B AZ T 30 S0 B 2% 1R (% AT ik
S80) ANFI T DR AR AR G L, A8 5 i R R AU
X [r)or 2% W 2 R — B (] 3) A H & B AL St 2%
i b e sl M R AR R AE AT S 1 RIS 2 R
i#(A1~A4 B1~B5) 1Y NO,-N (i fb s /e gtk ny
(7= 9)) Wk B v AR 2 4 BT, IR B) NH;-N Al NO;-N
WM R Z 5 I R E & & 2 A T5 K
TCA AT 2 A (RS AR 35— 20 B8 ) A5e o i I i
Rk Sk (AR ALSE — 2D 9R) #5055 , 1 L NO,-N 7E/K H
50

TSR AR 2 AR R v 2 W IR 25 5 (1B 3) &, ik
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[ NO;-N U5 57wk AS = T 20 B AR 36 57K L] (1A
4) B RARNE  FEIEHE AL Fe A 36 15 KA A 24— 4 ik
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THEAI B (Mayer et al.,2002) , 0] e 5% IX 7K
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Table 1 Change of DO and nitrogen forms by river channel segment and inferred major source and biogeochemical processes

AL/ (mg- L)

X [E] " - - IR FIAS A ATReRR RS i A
DO NH{-N  NO3-N  NO3-N DIN DON DTN
A9~ A8 10.59 10.27 10.15 10.96 11.37 10.75 1213 fayE Bk Mo by -1 NG
A8~A7 10.21 10.26 10.02 10.24 10.51 10.05 1057 @ EA/N B KRAHE L. AL
A7~A6 l 111 10.82 1 0.01 11.03 11.86 10.15 11.71 ?%@iﬁ’ﬁﬂﬁ‘ Buimde. 2t e
B %
KA TR A RAEK ORI BT R S A
A6~AS 1 1. 46 10.83 10.147 10.38 10.30 10.65 10.35 T B .
A5~ A4 1031 1122 t0107 106 12.18 10.31 1187 KRR B Rk Ak IR R TR, R Rtk
Ad~A3 16.39 10.08 10.16 11.67 1192 10.39 T153 AR A RANEK RS .DON Ak E Ak
53w 2iLe AR A G AL B4k, OB 1
A3~A2 1184 13.68 10.14 10.88 12.94 lo.16 1278 P ——
A2~Al 11.28 10.79 10.05 10.04 10.79 10.41 10.39 gi if o A B e G TR
B7~B6 10.88 T1.21 10.04 10.09 117 10.55 To.61  RETEIEM Bt WaEK B4k L
JHUK TKEE H YRR JBURL TR B T R A 4
B6~B5 113.74 12.07 10.03 11.59 13.70 10.03 1372 Wk ZUE R
TGy W TRANEK L
B5~B4 1 16.40 12.46 10.18 10.33 12.98 10.32 13.29 e
B4~ B3 13.99 10.02 10.02 10.77 10.81 10.13 10.68 SR RAER A
SR R R R TS K BRI B R SR
B3~B2 10.53 14.15 lo.02 10.27 13.85 10.30 14.16 o Wi
RSB BEH, AR AL R, AOURE I BRI R A
B2~B1 f252 o8 1029  Toos  los3 T020 045 PN bl

T 1| 3R X B Ferb Y BUR E ; TT AR IR 5 e AL R oy RRLIRFRRAT LU A6

TR E A KA A R R AU A AR R
NO;-N, H A& & R 7 &R A8 A 228 558 3 (Kendall,
1998 ; Zhang et al.,2014) .3 258 T U7 1A R 8
AR R SAA AR (E 4) sk — P HET
T AFAE B 5 B RS AR AR FHL 0 4 3 7 i 1 3k R4
[l {37 ZBAE SRS AR ARE AR LR (B 3) , SR Tl Y
RS/ AR A ., E 2 Tk DO ) KF
2 mg-L7'( 1) WAL DU D RS
AN 5 3 AR ) [l o7 28 & 4 B B 1 S ) ok
T AH TR £k 19 IR & A & ( Mayer et al., 2002; Xue
et al.,2014) SR Z UESE R BR TGN 1Y
IRAASAF AL, , P15 b AT RE A7 7 4 U SR AR A T, e
A A R KA A AT e 2 R Al Ak - Ak
B AE F (Robertson et al., 1984 ;{5 ik55,2014) .
A I LR AR AL A S SR Ak TR T AU i Ak
TR A BRI 5 0 DAGIE 5. 75 B2 VR B A &, STAR #
TR 235 SR TR o g 3l {37 — A 4R 52 IR 1) B 53 ik L 51
AT, P T3 PN 1 5 T 0 B 7 Ak T 3 1 B2 A 1)
[R5 28 3 TR AU, FRL Ik, 45 it 7 BT MR LG ) A A —
PR AN 2

4.2 KR RRI| G KR AR K

LA AR o0 R At £ A H S
K e 28 IR PR 8 260 480 L TR) A7 25 B U A 4 DG 15 L
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BE/INE EA T Y R R eT BN T S 1 R SR 2
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SRR FHHEK & 325 300 2 BB gk AT
R, 005 Y 32 2 A 6 V5 KRR L HEK 1
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BT X e 258 5 Y S B IR DX 1 25 [8] 43 A ]
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Fig.6  Critical source area of nitrogen pollution and major causes in Guoyun River
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