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Analysis of the changes in the input and output balance of heavy metals in Chinese agricultural soils

LIU Ziqing"?, LIU Jing', LIU Hanbing', FAN Feiyue', SU Chunli*", SUN Zaijin"", SHI Huading', LIANG Jiahui'

(1.Technical Centre for Soil, Agricultural and Rural Ecology and Environment, Ministry of Ecology and Environment, Beijing 100012,
China; 2. School of Environmental Studies, China University of Geosciences, Wuhan 430078, China)

Abstract: To study the current status and analyze the changes in the input and output balance of heavy metals in Chinese agricultural soils,
this study established an input and output inventory of heavy metals in Chinese agricultural soils based on published literatures and
statistical data from 2015 to 2020 and compared it with that from 2006 to 2015. The results showed that, compared with 2006 to 2015, the
input of atmospheric deposition to eight heavy metals(Cd, Hg, As, Pb, Cr, Cu, Zn, and Ni) in Chinese agricultural soils decreased by 15.8%—
65.4% in 2015 to 2020, input of irrigation water to Hg increased by 19.4%, 64.7%, and 6.6%, input of fertilizers to Zn increased by 5.9%,
input of livestock manures to Cu, Zn, and Ni increased by 6.6%—64.7%, and input of sewage sludge to As and Cr increased by 22.8% and
3.5%, respectively. The net inputs of Cd, Hg, As, Pb, Cr, and Ni to Chinese agricultural soils decreased by 28.0%, 54.1%, 43.7%, 47.8%,
60.7%, and 48.4%, respectively. The main reasons for the decrease in heavy metal input were strict control of air pollutant emissions and
wastewater discharges, optimization of fertilizer production processes and sludge purification processes, and the increase in crop yields. The
net input of Cu and Zn increased by 2.4% and 7.2%, respectively, mainly due to the lack of restrictions on the content of Cu and Zn in the

Feed Health Standards and the Requirements for the Limits of Toxic and Hazardous Substances in Fertilizers. The input of heavy metals to
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Chinese agricultural soils is generally greater than the output, and despite the accumulation of heavy metals, the accumulation is

decreasing.

Keywords: agricultural soil; heavy metal; input and output; inventory method
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Figure 1 Relative contributions of different input flux pathways of

heavy metals in agricultural soils in China
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Table 2 Annual heavy metals inputs and outputs to agricultural soils in China(t-a™)

i H Ttem it Period cd Hg As Ph Cr Cu Zn Ni
KA 2006—2015 553.0 124.0 4552.0 25 906.0 21783.0 15 606.0 98 414.0 10 908.0
2015—2020 465.8 44.8 28793 14 605.8 7538.2 11109.2 70325.6 4768.4
TR 2006—2015 50.0 10.0 520.0 780.0 940.0 1900.0 5300.0 720.0
2015—2020 42.4 18.7 199.6 2124 631.2 949.9 4302.8 587.7
e 2006—2015 16.0 3.0 109.0 211.0 618.0 505.0 1489.0 1114.0
2015—2020 9.8 2.0 91.4 1343 548.4 399.4 1576.4 532.0
HEIUE 2006—2015 145.0 13.0 1001.0 1219.0 2851.0 31 049.0 78 599.0 1581.0
2015—2020 97.5 9.0 901.9 993.6 2593.7 37 067.5 128 847.1 1681.5
s e 2006—2015 1.4 1.3 7.4 60.0 85.0 224.0 669.0 36.0
2015—2020 1.4 1.1 9.1 48.3 88.0 157.3 611.1 35.2
VEWIRE IR 2015—2020 88.2 8.8 227.9 220.0 654.1 2 660.1 17 263.6 580.2
B 2015—2020 3.7 0.2 2.9 10.4 6.2
HFRARI 2015—2020 152 0.8 525.8 1160.3 728.1 1002.8 19 088.3
SN A 2006—2015 765.4 151.3 6189.4 28176.0 26277.0 49 284.0 184 471.0 14 359.0
2015—2020 616.9 75.5 4081.3 15994.4 11 399.5 49 683.4 205 663.0 7 604.8
B H 2006—2015 57.0 8.0 286.0 174.0 829.0 4340.0 26 539.0 743.0
2015—2020 107.1 9.8 756.5 1390.8 1388.4 36629 36351.9 580.2
el A 2006—2015 708.4 143.3 5903.4 28 002.0 25 448.0 44.944.0 157 932.0 13 616.0
2015—2020 509.8 65.7 3324.7 14 603.5 10011.1 46 020.5 169 311.1 7024.5

F3 20062015 FF12015—2020 F R EH L IRE SRS
N HENELR(%)
Table 3 Change of heavy metals inputs to agricultural soils in

China from 2006—2015 to 2015—2020(% )

i H Item  Cd Hg  As Ph Cr Cu Zn Ni
KAVIKE -15.8 -63.9 -36.7 -43.6 -65.4 -28.8 -28.5 -56.3
FEIME 327 -308 -99 -185 -9.0 194 639 6.4
fEAE  -388 -33.0 -162 -36.3 -11.3 -209 59 =522
WK -153 86.8 -61.6 -72.8 -32.9 -50.0 -18.8 -18.4
WEG5 24 -186 228 -194 35 -298 -87 -23
BEIAR -194 -50.1 -34.1 -432 -566 08 115 -47.0
MR 879 225 1645 6993 675 -15.6 37.0 -21.9
HEAR -28.0 -54.1 -43.7 -47.8 -60.7 24 72 -484

2015—2020 4 3 [ A AW 09 A 4 s o 7
13.0%", 3X 7] R 5 EAE P W3R A 4t 4 48 4 R 1)
g+ R 0, AT i R R . 3R Cu 2
EE i VEP RS B i R 2 4 0] HNE I K R Ca Y
P R TR K Cu 1 FEARE VB
XiF Cu A IR ATt 1 25 B 2 R AR, DL IE8 T Cou ) 4 1
T FRAR AT RE S IR K P Cu S B FRR T S 8. Ni
FELE A AE D RSB M e p S AT ATVEUIE
BRAE BEAE AN AR P Cu i & B RS, 241k

NEH Cu 1Y 55 B FEARIT , RAEYIRT Cu 0y WSt 25 B
ZREAR, PR Cu A B4 1 S FRAIC AT BB 2 rh AR e
T Cu 7 i BRI S 800

T 2015—2020 4528 & 2 1 SCHik b, 56 F #k
-4 4w a0 SR D, B4 AR A R T
fh2E AT REAETE I 22 . ABFSE i 2B ET 12
WSO A DG SCHR Db T B — 50l AL Si SRS 42 1T Y
S ] BRI 2%
22 AEIEEBMANETH
2.2.1 KAV

KAVTREXSHEHL 1 E Cd . Hg  As .Pb.Cr.Cu.Zn Ni
B B A A R T 15.8%.63.9% . 36.7% . 43.6% .
65.4% .28.8% .28.5%.56.3%, 1% 5 K395 Y Wy HE =
PRREA G, Tk sciliz i A e A b s
AR A F AR A, ) A B TR AR
HEA LIS AR R R SRR E SR
Rk i i AR AL A — 30, AH T 2006—2015 412, 2015—
2020 4 PM,o [ MR BE T B T 25.8%; M 2013 4£ 51| 2020
A PM,s MR BEAS T R (B 2) o 2015—20204F, 3%
B RS LA R il A4 v e Al A i i) s
1 26.2%122.9% , Em¢ S AL TR A TR AR
M FRET 32.0%.20.7%.42.5% , Foip B 7E E TR
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Figure 2 Change of atmospheric particulate concentration in China from 2006 to 2020
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Figure 3 Atmospheric deposition flux of heavy metals in China

and oversea countries
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Fr T DL A IEA i FH e . B
SRR A A AT 1 1 AR S U Zn I RAFTE A
PR Zn 3G 1k , Fe 2 BB IE R Zn (198 RICPE RN 3
el Ak CIE R A 35 5 A B 25K ) (GB
38400—2019) H /%) Zn (IRR ], FEALAE A Zn A7
TN, T SFEAEAEXT 3 Zn A% ARG

20224 1 A KA T BB 1T i CIE AL 248 H )
P HET B RAE K N A B R R}, Sk it A g
Vol /U T AR it T DR TR BRI 7 Al ) e B R
QA 7 4 AR 2 0 R SRR ) 4 1, 31 2025 4
A B it P 5 52 ek 20, =5 AR A 1k B R FE 2R A
2020 4F- 111 40.2% , $2 15 3] 2025 4511 43%4 X UL 3
A BT R AR AR R X A 1+ e T 4R A B A
224 BEEHEME

BB RMEX Cd Hg. As . Ph . Cr (155 A & 5 51 %
%1 32.7% .30.8% .9.9% .18.5% .9.0%., 36741,
FEEAEM Cd Hg . Pb & =3 F . 2015—2020
A FRE R B A IR RN T 15.5%", Hoth 3 25 191+
FEP TR, Hit, FEEMES RN R HE
SR AN EER R (F GBI TS P bR 5
) B AR ST, H o T R S A E AR L, A

x4 ERAKPEEENEE (pg L)

Table 4 Concentrations of heavy metals in irrigation water(pg-L™")

T H Ttem cd Hg As Ph Cr Cu Zn Ni
FEA K 408 187 346 388 193 204 255 102
bl ND~1.83 ND~1.80 ND~26 ND~354 ND~124.30 ND~124 ND~210.20 ND~35
JUA¥(E 0.20 0.09 0.96 1.02 3.02 4.55 20.62 2.82
P22 0.40 0.35 1.34 62.49 30.86 29.94 65.28 9.26
2006—2015 4F 0.13 0.04 1.34 2.01 2.41 4.86 13.53 1.84
GB 5084—2021 7K H 10 1 50 200 100 500 2 000 200
LS 10 1 100 200 100 1000 2 000 200
it 10 1 50 200 100 1000 2 000 200

FEND R AR . R

Note: “ND” indicates not detected. The same below.
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Table 5 Content of heavy metals in fertilizers (mg-kg™")
i H Ttem Cd Hg As Ph Cr Cu Zn Ni
A FEA K 79 79 64 72 61 98 109 67
L ND~3.55 ND ~1.81 ND~277  ND~825  0.01~23.35 0.20~32.10  0.40~56.30  0.13~32.72
JIRGES]IE 0.026 0.018 0.135 1.038 2.947 0.874 4,148 1.219
PRI 0.10 0.05 0.34 2.06 3.51 1.03 10.14 10.16
2006—2015 4§ 0.041 0.030 0.145 1.080 1.936 1.631 3.010 14.630
B FEA K 261 251 258 265 257 286 208 214
L ND~20.50 ND~9.72  ND~26.78  ND~52.30  ND~156.93  0.84~10.13 2.56~977.53  0.41~56.41
JIREES]IEN 0.353 0.109 4.488 7.769 36.815 16.808 147.877 21.984
bR 0.59 0.16 3.77 27.44 53.65 18.30 106.10 15.95
2006—2015 4 0.490 0.111 4.520 11.350 38.600 17.380 51.300 22.050
A FEAE 52 41 43 58 55 56 67 45
R ND~4.60 ND~2.21 ND~530  0.01~23.88  ND~32.03  0.68~58.40 1.18~104.06 0.37~43.43
REESIE 0.088 0.028 0.113 1.304 3.285 3.626 4.380 3.520
bRifE 2 0.08 0.02 0.10 8.39 1.63 5.83 2.71 10.29
2006—2015 4F 0.090 0.030 0.350 3.420 2.390 2.800 5.150 4.210
REHE FEAH R 875 661 698 965 892 987 1269 654
BNl ND~63.81 ND~520  ND-26.82  ND~22.93  ND-~4520  0.01~48.89  0.68~134  1.50~42.83
IREECI 0.293 0.037 2.653 2.585 10.621 11.430 22.950 15.614
PrifEzE 1.64 0.67 4.61 4.95 5.87 11.76 81.86 15.77
2006—2015 4f 0.490 0.037 2.980 3.090 10.650 13.860 43.780 25.530
GB 38400—2019 10 5 50 200 500 600

Pisk Bl T & X I AR A

BEEMP CuZn NifF BT, BECEMNN
By ARSI Cu A Zn F AR DRRES IR, DA4R T
BE M FRRCR . Ni HA A% IR 0 1 AR
Z 5 R A8RE AR T SR 2 s R
AT T ER , Pt o VDR ), FE 5
T Ak Fp BRI CuSO. W $ETH G I BTIR A BE T o Zn 2 il
B A4y, RE N 3 & m AR, 1 1 35 8 i) AR e,
B R /0 5 T 4 v] AR sh i, R oy Ss Rl L3S
fEHE H 0T T 3 B T 4 A Y R AN, (B
HLIEEL) (NY 884—2012) A PR il & & 254 o Cu Zn.
Ni B2, /D% Cu Zn N B, i Hm i 3 & 26
fEHEA A 35800 XU 36 K
225 HEGYR

£52006—2015 4FAH L™, T BT e % 14 As Cr
(g AN T 22.8% .3.5% , %F Cd \Hg .Pb.Cu.Zn
Ni (T A R I T 2.4% . 18.6% .19.4% .29.8%
8.7% .2.3%. NiZ"F|F 1999—2006 4 H B , 4t 5
[ 2006—2015 4= 14 A & 1T RE MR/ 15 Ui 1 it FH
A5 e 4w 1 7 T s e B 4 R AT ) R

1% WHART]

F, TG e 8 B 4R M S IR (R
FHTE Ve TG Y 45 AR ) (GB4284—2018) (Il fH
15 K AR5 e HERCRR HE) (GB 18918—2002) {3
FU5 KA PR 5 e kb B A HUR i) (GB 24188—2009)
AR RRAE, N3 7 BT o

Tl K A& TG K B R R 5 K AL PR s
KA EE 4 e 1 B R UE . AR TS K H A As T Cr
BORIRF IR R B A B
S BT B K R T, AR 15 T5 K R As T Cr B
B, & S H G IR XS As Fl Cr B9 ARS8 0. 2015
—2020 AT B I A 7 I K T 22.6%"", - HiL A
FOERR E5 e iy B2 A & =, It , ARG U
RAMAEE, FEEEE RN T2 B ELE
T RS R E A E A
2.3 TURERERITER

5 2006—2015 4E4H [t , 2015—2020 4F F [ # Hb
+4% Cd . Hg. As . Pb . Cr . Ni i) ¥4 iy A 43 51 R IR T [
T 28.0%.54.1% .43.7% . 47.8% . 60.7% . 48 4% , ¥ &
AT I TR AR Ts e HE % K HE A
NEAE 7= 15 U WAL T T S A AT R L T AR
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Table 6 Content of heavy metals in livestock manures(mg-kg™)
i H Ttem cd Hg As Pb Cr Cu Zn Ni
[E==t REA IR 344 255 268 331 310 434 495 318
{1 ND~5.10  ND~1.51  ND~23.60  ND~36.76  ND~186.83  5.00~188.08  5.00~981.56  0.42~23.32
JUfT 8 0.49 0.07 2.75 7.05 22.79 55.31 265.32 8.05
bRz 1.29 0.17 5.43 6.70 18.42 41.68 257.86 5.06
2006—2015 4 0.50 0.07 3.81 7.65 25.17 76.4 289.97 7.08
42 FEAR 259 241 220 266 247 288 315 235
Blen ND~3.40 ND~1.78  0.01-8.60  ND-35.45 ND-~217.30  1.38~179.35  7.00~340.53  1.50~35.87
JUfT 4 0.40 0.02 1.14 5.57 9.34 37.51 149.77 7.27
bRz 0.70 0.03 1.97 3.26 14.76 23.77 76.93 2.84
2006—2015 4§ 0.39 0.04 2.43 6.06 12.01 55.85 162.23 6.62
FIE FEA R 110 91 107 120 108 116 142 87
0 ND~835  ND~3.80  ND~4.64  ND~75.61  ND~99.85  2.12~189.34  1.40~26533  0.35~28.20
JIREESIIE 0.58 0.08 0.87 3.70 5.20 27.14 63.83 6.65
brifE2E 0.34 0.02 0.56 0.08 5.43 16.10 60.02 5.79
2006—2015 4§ 0.59 0.1 0.87 3.76 52 2391 36.49 2.93
bIiES FEA K 635 517 604 656 560 765 819 523
Sl 0.01~4.60 ND~5.40  0.22~6234 ND~43.30  ND~8523  4.33-92695 5.52~2088.80  1.45~77.30
JUHIME 0.45 0.03 5.97 4.54 12.23 263.04 902.36 8.72
P 0.88 0.08 11.09 8.82 9.57 263.26 978.75 3.49
2006—2015 4F 1.06 0.06 8.53 5.62 13.74 298.98 712.13 10.48
NY 884—2012 3 2 15 50 150
T T A NE B 1.5 1 150 100 100 400 20
7 THSRPELEEMNEE(ng-kg')
Table 7 Content of heavy metals in sewage sludge (mg-kg™)
5 H Item cd Hg As Pb Cr Cu Zn Ni
FEA K 306 134 140 319 317 301 314 250
L ND~7.69  0.04~7.16 ND~25.11  1.41~3283  11.18~725 19.33~1002 75.23~47 680  1.80~228
YRGESTIED 1.18 0.92 7.88 41.90 76.29 136.36 529.75 30.49
brife 2 1.11 1.53 5.88 33.80 71.65 151.85 603.11 34.17
GB 18918—2002 pH<6.5 5 5 75 300 600 800 2 000 100
pH=6.5 20 15 75 1000 1000 1500 3 000 200
GB 24188—2009 20 25 75 1000 1000 1500 4000 200
GB 4284—2018 3 3 30 300 500 500 1200 100
M A= 7R TS Sl 35w A . TR SR AR, 8 T s X AR AE H Cu F1 Zn BYBR R, 58

AAE) 7 (R 3G Tt 2 T4 R v i A R R Y DR
Cu F1 Zn 1 ¥ A2 50 0 B T8O 8 1 2.4% 1 7.2%,

XFEREHTESEME D CaMZn FRM TR &
WoE DR DA FRUEY , 3835 Cu I Zn 19 55 25 PR A
2 3 AR Cu A Zn B R, AT Sk B
b Cu M Zn A o FE8 & 2800 M HEIE o B2 o A
AL, AL HENE T8, I RN & S e rh E 4
JE A= A A DA 3 R P BRI 7 S ) H

R A FA EF YR A BRI Z R ) Ca Fl Zn 1Y
T i AT o, B AR AR 7 v SR R 0 T L fE AL
POAE A 77 T2 R ARAR AT Fh T 43 8 14 o R,

3 ZitE5RE

(1)52006—2015 HAH Eb , 2015—2020 4= F [E #F
Hi A4 Cu M Zn B9 B S A B4 S0 T 0.8% i
11.5%, HAth 5 42 J& 1Y B g A= 38 F B 5 2015—2020
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AL BR T Cu M NG, Hofh EE 4 JE ) R R BT
2015—2020 4, RAVLREXTBR Cu Fl Zn LIS 42 )R
1) o R B K, T 0TS Je 1 DTk Fe e/ . 2006—2015
AL BR Cu FEORIE T & & 28, KA H 4 )8 F2oRIE
FRAVIFE.

(2)52006—2015 44t , 2015—2020 4 KT
Rop Xt 3 R 0 b - 398 T 4 %) B AR A AR, T K R
Hg B9 5 A 30T 86.8% , AL HE X Zn Al A 2 38
T 59%, % & FAEXF Cu.Zn Ni 95 A B3 T
6.6%~64.7% , TG IR X As . Cr By A2 B3 m T
22.8%.3.5%.

(3)2015—2020 4F- 3 = Bk i 1- 58 Cu F1 Zn B9 155
Am ¥ T, Hoh 4 )8 i g A KIE T . H
A, R E P IR E SRR AR K TR R, B
J& 2 BEURA (H R BE R WAL

AT, ARG T 2015—2020 4F 11
SCHRECHR | B TR AE X, SRR T AT B, 308 4 e X oK
K FAN IR, PG T A 5% X T0HE 5 Ni S51205E 42
PR¥F—2, 7T RE S 8O0 F 25 SRAFAE N 22, S5 8L 9 ]
PR GE T B sF ] 9 B, b e 0 4R e A G STk, 38 n
XS LR AT SR o B T R EEK ARAE
B KT B e, AR 2t R S R A R A
e, R0 R 2 T 25 Rk 24 it FE G 3 T 4 R
AdE o BEAN A 5T A F 4 & 88 288 RS e Ak R
HSF X AR AR I T R A AR, 45 R
FAEAHENE . HIL, 522 0] #h 78 i 4 2015—2020
45 2006—2015 4 1 398 5 4 J@ 1% 2 10 B0H DR i B0 245
RS
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