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TR VR 4 TG ZE AL 10 P9 S B T 1) I S B LT R & S B A R R FTRS VA (ICP-MS/MS), B R AL T At 35 e
FI 428 TC RN TR AT AP I (R™>0.998) ARG (B ARA i FRAKZEE 2.0ng/L) %5 13 (<15%) RIVHEA S COAR [EIE %K 76.2%~124%). 5 H %
JRE ST T E A AR R BT 211 4 AR RAT I Y 35 Fh TR S SR T VAR R A R AR T L 4 R R
JUF S B HE AT AU AE S o, i XA h P Cd 25 5 4 B A A DR 078 #7570 32 IR BE /K o, B 00 ML 5 70 AN 15 78 Hoc R ML 1k
RIS AT I 10 22 S VE(P<0.05). AT S H2 41t T — o il 2o 8 4 1 G R AL 506, BT T 3% 7 VA AE KREA NTEREAS 00T P 10038 R 1, 36 0 v R RN
G R IA BE FE AT (K UL R BE KU AT AR A6 T AT 6 T H T ARBF A g 0 7 5, ATt — 537 @ H AR U &Rk,

FEEER: R A B TR T (ICP-MS/MS); A Il Jm IR 4B T2 AT B ER AT
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Development of a high-throughput multi-element analysis method for whole blood using ICP-MS/MS and its application in
population exposure characterization. SHANG Xiao-chen', LIU Le-yi', WEN Dong-sen’, LI Jie>, HOU Wen-yue', WU Hao', LIU
Peng-yu', CAO Su-zhen"", DUAN Xiao-li' (1.School of Energy and Environmental Engineering, University of Science and Technology
Beijing, Beijing 100083, China; 2.Sinochem Commerce CO., LTD, Beijing 100073, China; 3.Basic Experimental Center for Natural Science,
University of Science and Technology Beijing, Beijing 100083, China). China Environmental Science, 2025, 45(9): 5264~5276

Abstract: Accurate measurement of internal exposure to metal(loid) mixtures is crucial for early identification of disease risk. In this
study, a multi-element analytical method based on inductively coupled plasma tandem mass spectrometry (ICP-MS/MS) was
developed and optimized for the quantification of 35metals and metalloids in whole blood. The method demonstrated excellent
linearity (R>>0.998), high sensitivity (limits of detection as low as 2.0ng/L), good precision (coefficient of variation < 15%), and
acceptable accuracy (spike recovery rates ranging from 76.2% to 124%). The performance of this method was further validated by its
application to whole blood samples collected from 211middle-aged and elderly residents living near a non-ferrous metal smelting
area in China. Moreover, this application facilitated an assessment of population-level exposure characteristics of 35target elements.
Elevated concentrations of toxic elements such as Pb and Cd—associated with smelting activities—were observed, while statistically
significant variations across sex and age groups suggested potential demographic determinants of exposure heterogeneity(P < 0.05).
This high-throughput quantitative approach to whole-blood metallomics holds great potential for elucidating the biological roles of
multiple elements, and provides a robust analytical foundation for exposure assessment, environmental risk evaluation, and the
development of health interventions in populations affected by industrial activities. The established protocol could be further
expanded to encompass a broader range of target elements in future studies.

Key words: ICP-MS/MS; metals and metalloids analysis in whole blood; internal exposure characteristic
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Wi H 2™ Sk B 50 ER B, 0 22 R 2 1 P R AR
A A ZE L SN UIAH OC, 18 ] RERE 1
ORISR G0 T A g (1 e AR RERR LA, R
GEVEAl NI 4 1l 4 J8 AN 2K 4 i s 38 B 1 %) 1
FRBE A R UG 1 00 S T A R A
U, @SR AR, REGEH TR 2
JCEIHTHAR.

FEL BRI 75 55 8 7 M5 B (ICP-MIS) R L 2R
BRI 9« R ORE e A 22 76 22 [R5 A U 8 ), 1A LR 6
ZOMHT I R BRI AR M A5 G VUM FF ICP-MS
TETH O 38 5 2% 1R LR W 2 T 52 3 2 J 7 5
T FEAAR IO AN 2 (] B i 2 45 BT 25 1) 5 M) T 4
K, FR IR (ICP-MS/MS)it i 71 2 AN DU AR AT 2 18] ¥
B e Nt I 4 A XU R IR AL, A R T T
BT HERR M S BT RE ), T B PR 2
T 1% £ T S R ST L R TR R T R A T
BPE SR e B R CLAE I 1 2 S5 2R R A
N T Tiv As. Se 255 %2 THLIC R I ks &
I 5 DA K 22 76 2% v 5 Ay 0 s U O 4 AE 4 B AR A
AT 7 R 2, 3 B I A 2 AN S A R = A
MR A3 B S R i AP U R A A Z
FEL 43 5 MR S o5 R e 754 ] ICP-MS/MS %if
A0 7C ZR AT 8 A I A7) 7 X i A B 7 =X 9
il 8 B AT AR T AT R Ak, LSBT
w5 IR R G R R [R5 e

2 b A SCHUE R P4 4 o 6w AL B AR, 4
ICP-MS/MS )43 41 7€ 1t S AT P B =X, g o
Al S 36 ng/L~g/L 1 35 R4 @ AE 48 oo
F R T B MV . R KSR
JEE RN AR [0 S5 i bs B0 I w] SE 0 1 — 20 %
JivEN T R (G Jm e ) R R A i
FEA T, BRI Z M XN 4 70 35 1R 5k R R A A
WFST B 10N 2 70 35 2 i FUORSME IR I BRI {1 XU
VAl Je 2 4 i o0 25 5 A 8 R A JE A8 (1) L 3 9 A
SR AL SR RIRL A= A A

1 MR575E

1.1 WFR X IRAIN %

PN A P 1Y e el B 7 B [ o S B S
JEYAMRT T R R %R ) 3 N AR A
FRIE N T B4R 30 J5 ¢ FHARAT. 60 J7 t B4

JAFAEEE 20 5t BRI AR08 T iz hIX
AR N R B W L AT T 2023 42 7 J1~8
HLBORE) R AR ) 3km JEE N1 8 4
INXAREE 45 A% UL LB X A T 10 4R ALY
WA N IR 1 B 8 20t 5 i e pr vk
WR (DR 45 % D) H A i 10 L _E5(3)
TS8R I95 BRI RE « RS A 2 5(4) JC R
FE A 50 5(5) JC VA W B A AE SR S04 R R LR,
YN 211 ZAERE>45 JA % e B e Nt AT 4
JeE A 2 i AR AIE 23 A i AT B b R AR B
PRAAIEHENO.2023-1-101).

1.2 IMFEREE

IR R4 B Bl B 45 N I R R A
EDTA Pt &R &t 700 S i ki 1mL, 7855
TR GRS G JR RS2, I T80 C UK TR AT, % 1.
1.3 FEmE
1.3.1 FELE5HIAF Angilent 8900 LR &
S5 BT R I DY AT T (X (ICP-MS/MS): 5 [H
Agilent A #],litH MassHunter Workstation;SHZ-C
IRV I P s - VR S 9T AR s I A R A
A ;ME204E/02 J7 4y 2 — W 20 Bt K F:Ei
METTLER TOLEDO A 7).

WA R (L T 2], 35 [ Fisher Scientific 23 1),30%
A S T 2, I 25 4 A 2R A BR 2
(IKP)), A1 TG 35 2 5 4 i (8840-8843,Whole blood
control lyopilised, #%[E ClinChek A 7]),Scv Y. Re
YA N ARGR B4 300 1000pg/mL, [ 5 40 2 AR
R H0).Rh Pd. Ag. Cs. W HAIC R AR GK
FE 53 124 1000pg/mL, B S BRI i) 6 B
239 1000pug/mL ) Na. Ca. Fe ¥.IC & bR
IR SE A 500pg/mL 1] Mg bR il (1 B i AR}
AR A T), % Li. Be. Al. V. Ti. Cr. Mn.
Co. Ni. Cu. Zn. Ga. Ge. As. Sr. Se. Mo. Cd.
Sn. Sb. Ba. Pt. Hg. Pb. Tl. Bi &£ R &R
BRI 43930 A 100pg/mL, [ 547 (6 48
HLFBPRE 3 Al il ).

1.3.2 SERAME PrA RIS BRI IR Rk
1750 BT H A FEAS SRR — Ik, I R TR A5 4
Y1)5 108,50 0.4mL 4= F 15mL SR P 250045, % 0
0.3mL JRAHIR, #2215 I 0.4mL 30%id AL EG TN
90°C 7K INFAG A7t 2~3 /NS, 2 VA VROVEH T A W, S i 4
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Fig.1 Study area

1.4 ptfrriksiE

141 MRV ARAEINZ: &I TEIEH
AR 4 A N A A i b 1 YA 2 R R A o A 5
FR 4 N AR 4l G R FE AP AR RICE T 3 4548
e g, AT RZAH 2D 6 AR I — N
WP ST AR UEMIZE:Rh. Pd. Ag. Cs. W BCHiIE%
0, 0.01, 0.05, 0.10, 0.20, 0.50, 1.00, 5.00pg/L &5
FRUEZF;Na. K. Ca. Fe fitifiljk 0, 0.50, 1.00, 2.00,
5.00, 10.0, 20.0, 50.0, 100, 200ug/mL KA & 41, [H
RS Mg AR HE R SR E mih 0, 0.25, 0.50, 1.00,
2.50, 5.00, 10.0, 25.0, 50.0pg/mL; H:43 7 £ AH R A
FRUEVE, Cu. Zn. Se. SrikJE & 41K 0, 10.0, 25.0,
50.0, 100, 200, 500, 1000ug/L; Li. Al. Pb ¥ &5
40, 1.00, 2.00, 5.00, 10.0, 25.0, 50.0, 100, 200ug/L;

H AT EIUE R %124 0, 0.01, 0.05, 0.10, 0.50, 1.00,

2.00, 5.00, 10.0, 25.0, 50.0pg/L. P b 7 25 e il Sk
73 124 100ug/L TR A P bRAT I 18 e Y bR b
FINACES . A bR AE v W 5% B A BRI W AT
i .

1.4.2 JrkkrRAE &R &S T e 7 &
A SIS Ay FILL 3 A5 AT 10 4352 1 Wi AR 0 bR A i
72 5 R ith Ze A 1) B AE T S5 AN U R I T R
H R (LOD) A& H R (LOQ)M.

1.4.3 JPiEMERRE  CBIREE 0k 4 4, 3
B BIMAE Wy & 3 MR H ARG E,

42 SRR it 1) I A B R Ak BRI b A ot s A TS,
T I VE IR [ VPN T v A . A, T i
SN A LS 2 W) 5,5 2 LA AT LA, DA D i
e
1.4.4 J7iFREEE FAASIICESHEYR Level
10 FEAT 7 VK 5 P I S S0 58 6 YR d H R iy
WFR S Y RI G S b 6 ISR
PR 22, VPAl 772210 PRS8BT R I 5 vk T 4k
DL 3d, VP4l H DR 2%
1.4.5 JREPEHS FERIE AT PR AR SR
(It AR, LA 20 AN b — 3 R 2 D 4N 10%1)
2 ERE 10%0FATRERT 10% 804 TC %S %Y,
R AT ) I A BERT 23 B, AR ALE A i 45 SR () R
L2 TR RS, H ARG TSI B B U A e () s 1
(11 10%; AT AR 45 FAR R tE R 22 /T 15%;
2 MICHEZSHY R A 70.6%~128%.
1.5 4iitabr

2SI EAR TAS H BRI, DA 172 6 HA BRARZRAS H
AT B T T AF9CR T R 4.2.1 84
BATEETH 50 W1 %M Shapiro-Wilk K36 HEAT IE 21
50 0T T 1E 25 53 A1 5t R FH V348 + FRvE 22 ik,
I RIS REA ¢ K36 AT ANOVA Ky 3354743 #7355
TR IEAS oA s, R 47 £ (DY 404 85 # 3k, 5F
KL FEA Mann-Whitney U #3536 f1 Kruskal—
Wallis £ 56:E47 70 #7.F H Spearman AHICHE 23 #1x)
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#F1 ICP-MS/MS M ERIZITSHF R SR E
Table 1 Operating conditions and reaction gas settings for

ICP-MS/MS analysis

S8 P
LBTHThE 1600 i/ N No Gas He 0,
LR TR R N STh 0  5.5mL/min 30%
FIEGRE g ) gy s 5

(L/min)
é%gimﬁﬁ 15 Bl I V) 0 1 15
(L/min)
LIRS/ I\ 5
0.9 -8 -18 -3
(L/min) W)
AT R
IR (r/s)  0.10 /\’&H(%J)JIEEH 140 180 180
AL E(C) 2
iR/ (CaE i 3(100)
WA

2 FR51E

2.1 ICP-MS/MS s 4=+ 4 J@ o & & B i ik
Ik

214 TERIARAG ARG A R AR ST 2R
BRI RS ICP-MS/MS W58 IV It 5 13 B
o P AN 7 £ i A B i v 32 FH A R - I S AL A
TRV AR R IR0 R AT R G LAk T e BORE
17 0.4mL A S AL SN & 0.4mL, R H 4% AR HED)
JRGE TSR NN 254 0.2 0.3 0.4mL (1)
B[R 45 B 7, 24 N 0.3mL A2 I, 76 25 R e
KOIEF] 80% UL L P 2 B AR R UE T iR 58 43 1K)
RUER N, 25676 SR 12 I A Jo Vv I R 7 i DA AR
W JEE R o R, RV B B B N R AR AR A BRI S
(T 8% ) IF1 ¥ AR A I BB AN 2 AR A 2 B 03473,
I A E AR NN 0.3mL.

ST I (1K 4 36 S0/ B- 97 07 N I R I e SN
LA AN M R v R S R T, G ER A A AT AE
JL PN/ A S O, 3 R VR L DAL
WA TEA . BT P0™ 8 A AR B R R G0 %8
A5 ) L, S P 5 0 T A P v OV IR i RUA
Liu 251 Konz 251" e oh 5 i 375 R A i SR B %
W REVE ST T 2 703 0 W 5 1 AR A SR s 70 4 IR
A rrodE A PR Tanvir 25 PR T 6l e - 46
WA AT AR, T 2R b TIEH T 16

T OCE 1 ICP-MS 73 #r J5 i, (B L e 2 AT A4
ASC ot 2k B AR KD B L, HLAZ 7 SR FEA R RN A
PRI P IS Al 2 N R TT A DN,
SEAAR I I T] S Do AR 2 PR AR B AL S A
EZ TSN E/ YD RERER &I A TRl R S
PEAWESEAE LA b2t D4R T & T
35 /8 e I o B I el R VAT A 5L
P IR P 2 DL S ILAE AN EAT L R PR I3 1 58 4 v it
0.4mL A MLFEA FEREAR B ZARE 10 IGO0 T,
HE 6 AL 1Y 5 0 3% L Tl I R G 3% () AL g
RO AS AR, [0 I 32 T £ 30t 0 O UE ol AR
BRIk,

20

[C_Jo2 mLwing
200 2203 mLiiif
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Fig.2 Influence of HNO; volume on the recovery of elements
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B TA G Z 0. 15 SR oo 5, A
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FAZABE A AT 0.0, BEA A DU N R
MS/MS HERAGER T2 2 R 738w Em T
JCE B R T BRI TP Tiv As. Se K
F O #3047 A 2L 4% 76 2 R FH &
A (He #0)HEAT 7047, 20 Na. Mg, Ca. Fe.
Cu. Zn KH SR TR 70 3R A AR

eI MR ERE B AR LG S U R T
PR TN R AL T5 3K, R H No Gas. He fill4 15 A



5268 o

KoM R % 45 %

Oy S A A &5 5 1) 7 2, 35 T F DY AR A A e 1B
AT (MS/MS) A6 I 5 A 3 T 2 A5 UL 5 0 M 5k
i, LS B 0 3R R T R K A 2D 2 Na

Mg. Ca Z5H#ITF MM & RS MR IT R
(Fe A1 Zn)>K H] AT He #5370 Hr, e B 45 38 A e L 451
FFITI PIA D B R R B A5 R P EAS R B RHIE
R 76 32 SR A AT He A5 ok 75 0 2 23 A
# R ILE LK He FRVRIL 3, A7 8 B ARIE T8, SE L)
SRR R ORI 2 IR 10° G o % i [R5
SE.Fe-Mn U T T /2 42 1l 0 3808 B 1 22
i) B Fe 3= BEAFEAE T 2041 b 052 41l Fe B> Fe
23 15 > Min B8, 3 I Min (1) 5 2 45 SR e, 1K A 1
T AL SR 22 70 220 B b ANt 2255 18 (1 ) AL ASHIT 5
BCH Fe I HAT He BEAUMIE Mn I HEAT He B0
00 £ SR 3 3 i 2 R AT R R Fe THUES T,
R M <5 PEAS HERAA PT S, IR I (L RAIE T Fe R5E
LA Tis As Se (E RS2 22 71T Ti

(Rl E 452 %) Ar. Ca. C. S. P B Cl 2519139k,
SSAE N RN ICP-MS 4 BT, *Ti'%0 .

1'%, *Ti'%0. “Ti'°0. Ti'%0 X HRE T Ni.
Cu. Zn JFTEHFHESILPAs 1 Bse K5 %2 5
OArPCLAN A Ar (TP LR M B X =R
LK H AU D B I H A L DUV B T
PRl Ak Cro Pt TI. Sb &R ITZEMNE
AELEAR 5 R L 99 « W75 oy 1) 1) R, AN 50 0 A KA
3] T T O R UL

212 JrERUE RHEMZE A H R B35
PG R RO . MR AR R kA
HBRALE BRI 3 Frox. By Al A G RN
0.9987 4bHARITTHRIMAH KL REBIIAMET 0.9990,]4]
5 2RI R AF 2t O R .40 Na. Mg, Ca.
Fe [) LODs fl LOQs 73 H{E 0.054~0.427mg/L Fl
0.178~1.423mg/L 2 [i]; 4270 # ) LODs #1 LOQs
43994 0.002~3.309pg/L A1 0.007~11.03ug/L.

&2 ICP-MSMS S B TR REHRSAHERXIRE

Table 2 Target elements, their m/z transitions, and corresponding gas modes used for ICP-MS/MS

TR T RO X (LN TR JT i ORI b (LN TLH T BONTR X (LN
Li 7 No Gas Ni 60—60 He Cd 111 No Gas
Be 9 No Gas Cu 63—63 He Sn 118—118 He
Na 23 He Zn 66 He Sb 121 No Gas
Mg 24 He Ga 71571 He Cs 133 No Gas
Al 2727 He Ge 7272 He Ba 1375137 He
Ca 44 He As 75—91 0, w 182—182 He
Ti 4965 0, Se 78—94 0, Pt 195 No Gas
A% 5151 He Sr 88—88 He Hg 202202 He
Cr 5252 He Mo 9595 He Pb 208—208 He
Mn 5555 He Rh 103103 He Tl 205205 He
Fe 56 He Pd 105 No Gas Bi 209 No Gas
Co 5959 He Ag 107 No Gas

N 5 o ROV 52 BT A oG 25 10 H RS % 5 R0 H
[DRE 2 FE 33F 15% A, an i 3(a) s, =AMk
FEACE I ks EICR 1 E 3(0) B s, X IR A
76.2%~124% 2 [8) G B /K P, Bk Fe F1 Cr 41, HiAth
JCE [ ZEAE 80.2%~118% 305 Fil P4 ; v 94 J3 I,
Mg. As. Rh RIS 50 75.2%. 125%. 122%,
HARITCRICE N 84.0%~116%; i B /K F 1, 4
Li #h([IE 122%), o o0 2% B IR AR 82%~
117% 2 18] 2K A FT I 0745 2 B A S5 R 5 2
W) JTIE T F g H 19 2 26 0 [ RS AR — 3 [ A
83.0%~121% 2 [i],6 XA I 119 AH X A= HE f 22 (RSD)

1E 2.8%~15% 2 i HARGE F Nk 4 Tk,

5 LA 5 3k ) B AR R AR DG Sk vheis 0 43 it
WREHEAT T R4 55t HAR N LR s k]
DAt 1L 37 0 i 2% RS SO AR 0] ] o, o R B A
FEE AT I A S, i 41 7 (50 R A FH £/ AFL A 40 L
I3 3R B A ) A A R BR AR b2 R 4
ML FE AR & E5 2140 A0 LA, R 25 0 it e 7 o
52 % B AL R G HE R AT e e v v (EAE 2%
BRI BT AC I RS 2 T S LI A TR A
EIRREA T 58 i ) Lu 25U LA T R R
(B R BB AN VA At ICP-MS 1 38 2 9 A7 I
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T 4 RIS 4 R T BRI S W SR DR (K AR o A M T R S B T
IR F W B B B S M HERE O LW AR 3R ICP-MS/MS J3iE, AL 1 flEAE e b U A

BHIE G RN TR R IE. PETT REERIIEFENE.
F3 RMA 35 MTEMNEIEEE. HXRR. RHE. i .nemew |
EEREARITE o ® HiHE
Table 3 Linear ranges, correlation coefficients, limits of :"':—' i
detection (LOD), limits of quantification (LOQ), and Ba[—o-u '
CG———eon :
internal standards for the 35 elements in whole blood :: e E
o R CdH—®—0 .
JLE LMEIEHE AIRA¥ LoD LOQ  WHR Agl——m ;
Li  pgL  0.100~100 09996 0150 0499  Sc b I
Be pug/L 0.010~50.0 1.0000  0.033 0.111 Sc -‘;‘r‘ —=—*
Na mgL  0.500~500 0.9990 0427 1423  Sc Selo @ 5
Mg mgL  0250~50.0  1.0000 0054 0178  Sc s
Al pg/L  0.500~100 0.9987  0.832 2772  Sc S
Ca mgL  0.500~50.0 1.0000  0.129 0429  Sc S —
Ti  pg/l  0.100~50.0 09990 0276 0920 Y o =
V. opgL 0010500 09992 0046  0.I55  Sc st
Cr  pgL  0500-50.0 09990 0274 0913  Sc el - |
Mn pg/L  0500-50.0 09998 0329  1.097  Sc 1] E— 5
Fe mgL  0500~100 09988 0385 1283  Sc ] E————— _
Co  pg/L 0.050~50.0 0.9997  0.036  0.121 Sc ‘:ﬂ —'= -
Ni  pgL  0.100~50.0 09998  0.748 2492  Sc Be(———me |
Cu  pgL 1.00~200 0.9995 0454 1513  Sc L'“ e 1
Zn  pg/L 10.0~1000 0.9999 3309  11.03  Sc RSD (%)
Ga pg/L  0.010~50.0 09996  0.032  0.106  Sc @
Ge pg/l  0.010~50.0 09997  0.037  0.124  Sc
As  pg/L  0.010-50.0 09995  0.057  0.188 Y L — “:*}_HE
Se  pglL 1.00~100 0.9998  0.296  0.987 Y mnt A®
St pgL  0.050~50.0 09997 0245 0816 Y A : ;:z ﬂ
Mo pg/L  0.010-50.0 09996  0.059  0.195 Y bd H-—"‘:z"m:
Rh  pg/L  0.010-10.0 09999  0.002 0007 Y of ] R——-—
P pgL  0010~100 09997 0269 0897 Y ol § W s
Ag  pgL  0.010~10.0 1.0000  0.014  0.045 Y i: I v HB
Cd  pg/L 0.010~50.0 1.0000  0.020  0.067 Y Paf }—'- mA® -
Sn pg/L  0.100~1000 09996  0.171 0569 Y wl LA e m
Sb pg/L 0.010~50.0 0.9989  0.024 0.080 Re :: I F«.W‘::H_ﬁ—?
Cs upgL  0.010~100 09999  0.004 0013  Re ast i
Ba pgl  0.010~100 0.9997  0.063 0209  Re ol :4' i:j
W pgL  0010~10.0 09998  0.011  0.038  Re &l - i |
Pt pgL  0.010~50.0 09971  0.011  0.037 Re N [ e
Hg pg/L 0.100~100 1.0000  0.099 0329  Re ol F&,J::“_‘,___4
TI  pgl  0.010~50.0 1.0000  0.023 0077  Re el - :‘H
Pb  pgL  0.100~100 09993  0.151 0502  Re vH P ; ‘
Bi pg/l  0.010~50.0 0.9998  0.013 0043 Re Cn i H'_.'_.ﬁ—,
i a0 '
I\E::: [ ] S N i
TERSTIASCES PERE 7 [, JICP-MS & Y| 9 ol H———8—+HbH |
=
AR AR DA 5 2% T4 ) 73, 30T 4 ok A B 22 f 7 % 1) @ P 40
KM ICP-MS/MS 3 1 il 48/ 5 W As AU i 26 (b)

SO Ly, ST £ R K1 24 Bk Heitland 25 . .
AL SIATL I TN AR Heitland 5577 335 FOCE IR E @RI (b)
' ICP-OES FI -5 H 3% U0 , ICP-MS/MS 15 Fig.3 Precisions (a) and spike recoveries (b) of the developed
IR G 2 A, DL Y AN R 6 2 B 75 57 Konz method for 35metals
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ANTEIIT 9 TE)LE [P SCA RS 8 B A5 H R b 22 72 A0
XN ARAE RS H BRAZS T @ C 70 R AR A A
W B AT AT A AEAR R 2 5, T LB AN T PR
JRAANA] K F ARG R, T SRR A A KT
R P A A 2 BOF REAT MR, LLER R s
IRMHER T G I

FESE LR b ASHIFFEER X 42 M A5 5 T4 F1 £ 00
BRI KK [, Ay sl 1 5T [l I i
JGF 5 E TG M ICP-MS/MS Al 4 5 i 4k
AT AC PR LG . R e B i/ S B LB,
SCHL TS 35 Bl m A moC R R D E B AR
R PR LB 1 v, (LG A2 4 I G 3% 0 11
SOREMERLG BE IARIRIeR A ik R R4y
5 A THEA L AR 1 i e
JoE A, T AR B VR K R Al ARy i T R
IR0 A M FEAS 1) <62 e 2 e MU P2 AL 17 B SCFF AN
JTEA .

R4 =MRESEYRSD 25 MITEMNELE R (1=06)
Table 4 Determination of 25 elements in whole blood

certified reference material (n=6)

JLE B bERTORIE DM CFHRE%  RSD %
Na g/L 1.99 1.93 96.2 2.8
Mg mg/L 33.9 37.0 109 3.5
Ca mg/L 45.6 50.9 113 5.4
Cr pg/L 5.61 451 87.0 11
Mn pg/L 15.2 16.5 104 12
Fe mg/L 380 386 101 33
Co ng/L 6.50 6.71 103 9.4
Ni pg/L 4.42 3.65 103 15
Cu mg/L 1.16 1.28 110 4.4
Ti pg/L 10.1 8.38 83.0 15
Zn mg/L 6.28 7.18 113 32
Sr ng/L 29.5 324 112 8.4
As ng/L 5.37 5.82 107 12
Se ng/L 163 200 121 6.6
Mo pg/L 4.14 435 102 9.3
Pd ng/L 2.52 2.71 117 6.3
Ag pg/L 4.18 4.93 116 7.8
Cd ng/L 3.52 3.69 94.7 12
Sb ng/L 4.01 4.35 108 43
Ba pg/L 10.8 12.1 104 6.5
Pt ng/L 2.51 3.01 115 7.1
Hg pg/L 8.42 8.36 111 9.1
Tl ng/L 4.05 3.82 93.2 3.7
Pb pg/L 90.7 109 115 11

*5 EMIFRERHARPEMEAESEITREN S IERILR

Table 5 Comparison of analytical methods for metal(loid) determination in biological samples across different studies

I H A5 Harrington 22! Heitland 25! Konz 2! Liu £ Tanvir 25
PR A 1fi. 4eifin, ML 4eifin, ML iR 13§ 4xifit. I
35 fluLi. Be. Na. Mg 29 fi:B. Mg. Al P,
Al. Ca. Ti. V. Cr. Mn. S. K. Ca. Ti. V.
16 ff:Li. V. Cr,
Fe. Co. Ni. Cu. Zn. 11 f:Na. Mg. K. Ca. Cr. Mn. Fe. Co. Mn. Fe. Co. Ni.
JLEMFE  Ga. Ge. As. Se. Sr. Cr. Fe. Mo. Co. Cu. 73 MR Ni. Cu. Zn. As. Se. 70 FhUCE Cu. Zn. As. Se.
Mo. Rh. Pd. Ag. Cd. Zn. Se. Mo Br. Rb. Sr. Mo.
Sr. Cd. TI. Pb. U
Sn. Sb. Cs. Ba. W. Pt. Cd. Sn. I. Cs. Ba.
Hg. Tl. Pb. Bi Hg. Pb
I R R g POMMERRLIE e R T
MR (Mt R)
e ICP-MS/MS ICP-OES. ICP-MS ICP-OES. ICP-MS/MS  ICP-MS/MS ICP-MS ICP-MS
i/ [ S, % No Gass He((RAF+HE ) He No Gas. He(¥.Ff+H No Gas. He(*f#T). He He
H 0, ) Oy Hav NH; 0,
Kt BR(LODY LOD: LOQ:
& 1 FR(LOQ) LOD:0.0002~427 42111:0.189~8690 42111:0.001~7700 0.0001~12.1 0.0001~0.6144 0.001~5.01
(ng/L) 1l177:0.08~597 1liL7:0.0004~7700
~ AR 22 4=1M1:87.9~112
TARIEl %% 76.2~124 0397 %899 % 71~126 90.8~115 81.4~114 3297 3-115
JNEE M HW:2.0~6.4 4=1M1:0.35~5.98 HF: 615 HW:2.0~6.4 H:0.49~14.2 HP:2.8~7.0
(RSD %) H11:2.3~10.5 1li145:0.63~10.1 HI#:13~10.4 H11:0.27~22.5 Hia:2.6~12.7

2.2 Al 4| R I JC R 1 B R AR

221 AR e EIRE AT RAALK ik
OYHT T AR TE 45~89 & Z (A1 143 44 Lo Pk[(64.1
+9.9)1% fl 68 % % 7E[(65.84+10.0)% 1 4= i
35 Pl A1 2K 42 I 0T 2 'K FEABE L2 1T,

A B7 o AR i 1 2 30 R 4 0% 3K sl 118k 1% 20 v N
TCE MG R aR 6, AR H R . FEEH . H K
SERE L JURPF I BL LS 5. 50 A 95 H A
W HARE 70 2 78 A AR 10 Dh RE ¥ 00 o
BUUR. bHEMELE. WHELTFWMEICE. A



9 3 I I i 55+

HL T ICP-MS/MS {421l 22 TG 3 ey 0 5 ) W7 R IR 3 R AR R SR e A 20 W v 149 P 5271

B S EAT A R e AR F R T

#6 211

%524
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Table 6 Detection rates and concentration distributions of 35 elements in whole blood samples from 211 volunteers (categorized by

elemental type)

s E R G%) R (/L) Bifli(pg/L) JURTEIMEQug/L)  PS(pg/L) P50(ng/L)  P95(ng/L)
Na 100 4.38x10%~2.58x10° 1.94x10° 1.89x10° 1.28x10° 2.01x10° 2.35x10°
HHRIGE Mg 100 2.00x10%~8.74x10* 4.28x10" 4.15x10* 2.82x10* 4.09x10* 6.44x10*
Ca 100 2.05x10%*~1.56x10° 6.61x10°* 6.37x10* 3.53x10* 6.84x10* 8.65x10*
Fe 100 1.47x10°~8.39x10° 4.87x10° 4.79x10° 3.72x10° 4.84x10° 6.17x10°
Cu 100 418~1.53x10° 973 956 679 966 1.28x10°
Zn 100 4.86x10°~1.10x10° 1.12x10* 9.75x10° 6.32x10° 8.76x10° 2.99x10*
Se 100 2.55~368 129 111 338 130.62 212
- Sr 100 1.24~143 56 46.6 13.2 48.4 111
Mn 98.6 <0.329~168 13.4 7.05 1.06 9.99 35.3
Mo 91 <0.059~17.3 1.96 0.911 <0.059 1.26 4.93
Sn 65.4 <0.171~70.8 154 2.02 <0.171 5.49 34.6
Co 64.5 <0.036~3.08 0.393 0.100 <0.036 0.122 0.903
Cr 51.2 <0.274~56.2 7.29 0.751 <0.274 0.36 16.7
Cs 100 0.12~65 3.95 3.24 1.55 3.06 8.76
Ba 88.2 <0.063~195 238 485 <0.063 7.61 84.5
PR L TR TR Ni 84.8 <0.748~73.6 5.98 2.72 <0.748 3.16 15.1
As 78.2 <0.057~5.72 1.64 0.541 <0.057 1.12 3.64
Al 58.3 <0.832~1.40x10° 98.6 4.62 <0.832 4.67 335
Pb 100 1.72~397 35 29.0 11.6 30.5 65.4
cd 95.3 <0.02~13.7 2.28 1.29 0.15 1.64 6.92
HEEK Sb 81.5 <0.024~4.29 0.834 0.311 <0.024 0.605 1.66
AAWAERrEME  He 70.1 <0.099~27 435 0.761 <0.099 1.26 11.7
JLHE v 46.4 <0.046~6.92 1.11 0.096 <0.046 <0.046 3.2
Be 21.8 <0.033~7.62 1.23 0.034 <0.033 <0.033 1.23
T 13.7 <0.023~3.72 0.735 <0.023 <0.023 <0.023 0.579
Li 63 <0.15~187 26.9 1.78 <0.15 3.19 76.2
Ga 483 <0.032~2.03 0.575 0.076 <0.032 <0.032 1.26
Pd 483 <0.269~5.38 1.11 0.327 <0.269 <0.269 2.34
Ti 45 <0.276~71.6 8.48 0.619 <0.276 <0.276 183
Ge 33.6 <0.037~1.39 0.258 0.040 <0.037 <0.037 0.49
B[R S S wIv 3
Ag 26.1 <0.014~0.873 0.111 <0.014 <0.014 <0.014 0.155
w 227 <0.011~15.4 1.59 0.016 <0.011 <0.011 2.64
Rh 18 <0.002~0.039 0.011 <0.002 <0.002 <0.002 0.01
Pt 123 <0.011~1.07 0.173 <0.011 <0.011 <0.011 0.109
Bi 7.1 <0.013~5.0 0.822 <0.013 <0.013 <0.013 0.055

VEPS. P50, P9SSTAl SIS, SOFI9SH /A 4.

W F UG % Nay Mg, Ca LA T J6 % Fe.
Cu. Zn. St 7E A FE S 3G K R B KPR,
S5z e H HG A A i 3 A A B T i b S T e 1) B A
Hifz.Mn F1 Mo K HH 3 AE 90% LA L, 1M R FEAE 4
MK T ITCER Sn. Co. Cr K &4 514
65.4%- 64.5%AH1 51.2% M4 H 5rxd A&k N 5 oo
FAEH BRI AW TR Csy Bay Niv As. Al

UHA Ay ¥ A PR 0 5 R G 3R XSS T R A A% A 41
YA TV AT AR B AR BRI AN B A, IS A R
TR H 338 5T 50%, 2L Cs (1A H 6 0 100%.
A1 M B AN E IR S A A
A, I P AEASHIEZT A 04 100%, WK%
£ 1.72~397ug/L 2 [A],Cd. Sb [{# R HAE 80%
DL b, 3% =l 4 J 7 32 A R M AT Ml 32 A g
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W),Cd F1 Sb A& HDRFAT 3= 1) % o, 38 ok 445 Ve
T2 RN IX O 4 Ja 7T 2% MEAT B H RIS DA R 47 i HE
AR 10 e g TR N AR T 48 TR A R
KT 65%.

F 7 ROREAMRART., E. vEE . E A
FE] 6 5 AR BR ML B 42 1 22 50 385 B 4 AT (R AT
KT S AW FLREAT L Nayw Mg, Ca. Fe. Cu.
Zn. Se JEAxIl b f i 5 i 1) JLFh 42 T 3 R AT
FOH IR JE KT FH L AR FU AR Ak T TR — 20 2, X
JURhTC 22 T A 3 R T s e %L AE

RIS & YR A a9 B 0 3 AT, AR
Sr & B (WP ALY 46.6pg/L) % 2 i T HABWT ST .Sr 2
YEFEHLAALE iy 75 20 2 77 R T R 2 — KT
JRGAR R T 8 UL B ARG 1 I W05 (0 Y7 7
TR A AR, & R OK & A St 3R NI
e 3h 15 22 4 (R 4R P AT ST T 500 5 15K 1 )
J68 BEAT i X O P A B IX,Sr 7 15
FyCR Y BAT i sh i, BE a8 N 138 P #6851k,
11 7% 5 Wl AR DR 3K T s 32 i XN T Il
W S Fr AR ) AR R A

R7T AMREREFARDPIERIREAZFEMITRRE N LR (1/L)

Table 7 Comparison of whole blood element concentrations in non—occupationally exposed populations between the present study

and previous reports (pg/L)

JLH AW KA i i Lies| HpEAE P\ 2
ok 211 50 130 106 258 648 2432(46~60 %)
GM(5th~95th) GM(5th~95th) GM(5th~95th) Median(5th~95th) GM(2.5th~97.5th) GM(25th~75th)  GM(50th~95th)
1.89x10°(1.28x 1.80x10°(1.64x10%~
Na 10°-2.35x10°) 2.00x10°)
4.15%x10%(2.82x 3.44x10%(3.02x
Mg 4 4 4 4
10*~6.44x10%) 10°~3.90x10%)
Ca 6.37x10%(3.53x 5.34x10%(4.80x
10°~8.65x10%) 10%~5.96x10%)
Fe 4.79x10°(3.72x 4.42%10° 4.4_9x105(3.95x
10°~6.17x10%)  (3.84x10°~5.30x10%) 10°~5.14x10%)
802.4(685.0~
Cu 956(679~1280) 740(590~1200) 934(729~1360) 937(743~1513) SN
7 9.75x10°(6.32x 4.90x10° 5.62x10° 5.62x10°(4.22x10°~ 4.66x10°(3.78x
10°~2.99x10%)  (3.80x10°~5.90x10%) (4.73x10°~6.73x10°) 7.20x10°) 10°~5.56x10%)
Se 111(33.8-212) 181(156~214) 106(85~128) 110(85~142)
Sr 46.6(13.2~111) 16(10~27) 16.8(9.4~41) 14.5(8.2~35.0)
9.15(3.32~18.58)
Mn 7.05(1.06~35.3) 8.1(4.5~15) 8.5(5.0~13.5) 8.6(5.9~13.3)  11.06(6.03~18.80) 11.42(8.81~14.72)
GM(2.5th~97.5th)
0.33(<0.07~3.66)
Mo  0.911(<0.059~4.93) 0.44(0.23-0.93) 0.40(0.26~0.77)
GM(2.5th~97.5th)
Sn 2.02(<0.171~34.6) 0.08(<0.03~0.31) 0.34(0.16~0.64)
0.202(<0.045~0.84
Co  0.10(<0.036~0.903) 0.28(0.1~1.2) 0.13(0.05~0.39) 0.27(0.20~0.63) 5)
GM(2.5th~97.5th)
Cr  0.751(<0.274~16.7) 0.042(<0.036~0.091)  0.55(<0.33~0.87)
Cs 3.24(1.55~8.76) 4.7(2.6~6.9) 3.9(2.3~6.5) 2.39(1.30~4.26)
Ba 4.85(<0.063~84.5) 0.46(0.11~1.8) 0.38(0.15~1.2) <0.66(<0.66~6.87)
Ni 2.72(<0.748~15.1) 0.38(<0.35~0.55)  0.80(<0.25~1.36)
As  0.541(<0.057~3.64) 1.40(0.64~4.2) 0.47(0.07~3.4) 1.87(1.08~7.10)  7.19(1.27~40.34) 3.07(2.95~18.56)
Al 4.62(<0.832~335) <2(<2~2.8) 10.57(5.00~21.46)
40.2(39.7~126)
Pb 29.0(11.6~65.4) 9.4(3.4~34) 11(5.4~26.3) 12.5(5.4~39.3)  15.97(7.40~36.37) 42.55(31.31~59.89)

(2376 A)
cd 1.29(0.15~6.92) 0.24(<0.06~1.3) 0.36(0.13~1.7) 0.34(0.13~1.82)  0.78(0.20~2.06)  0.68(0.42~1.14)  0.84(0.82~7.17)
Sb 0.311(<0.024~1.66) <0.07
Hg  0.761(<0.099~11.7) 0.41(0.05~1.7) 1.72(0.59~5.12)  3.41(0.60~14.72)

V. 0.096(<0.046~3.20)  0.07(<0.02~0.29)  0.017(0.011~0.026)  <0.21(<0.21~0.35)
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k7
JiE PN BAHITE | bAE it [ CHLE[®n o\ B
Be 0.034(<0.033~1.23) <0.02 <0.03

Tl <0.023(<0.023~0.579) 0.019(<0.003~0.067) <0.04(<0.04~0.072) 0.021(0.004~0.034)

<0.02(<0.02~0.04)

Li 1.78(<0.150~76.2) 0.82(0.5~1.4)
Ga  0.076(<0.032~1.26) <0.03

Pd  0.327(<0.269~2.34) <0.009

Ti  0.619(<0.276~18.3) 0.081(<0.05~0.24)
Ge  0.04(<0.037~0.490) <0.08

Ag  <0.014(<0.014~0.155) 0.052(0.020~0.155)

<12
<0.08(<0.08~0.15)

<0.15(<0.15~0.49)

W 0.016(<0.011~2.64) <0.005(<0.005~0.012) <0.03

Rh  <0.002(<0.002~0.01) <0.02

Pt <0.011(<0.011~0.109) <0.1 <0.008

Bi  <0.013(<0.013~0.055) <0.008(<0.008~0.016) <0.03
SCHR [9] [22] [31] [32] [33] [34-38]

VE:GM A JUFT 48 Median i A7 48,2.5th. 5th. 50th. 95th. 97.5thZy 54 MLy TCZEWE 2.5, 5. 50, 95MI97.5 1 4L,

A ABEIL Sn. Ba. Ni &) T-H
AbAFF 5T, 31X = b 4z Je8 IS A2 A v M R v R R AR v
M4 B0 3. Sn Al Ni EZK H TR A1 Uk, Ba &
BN YR T FH A AR 5 B AR 771 w1t R 00, il BH A Ve
th Ba ik 5%~20% ) yh e v HE AT B G+
FERUKAR, CK RERS 15 Yo 23 R B0 I KA DTG Y
T3 KRB Y, B 2t N AR 2 BRI T BE & Y
MM F Sn. Ba. Ni &5 =15 KL.Pb F1 Cd
SEARIRAT Wb 32 B (V) T 4 ¥ e, e N AR R AT
E IR (A 55 4 0 3R A PR P () AR Ok
M 7 BXE AT DUR I, H B L P &
TR, L k. SRR AREPD J5 Y
LA FEI B DG (R4 JE ) R, 1 2000 4F- 4TI A%
BRI 2 5 B P HE R JE A P K BRI, (E B
Tk e, B R 2 f oK I A A kL A 7 R o
] R B R R P HET 2 BRI, IR b 5
TR M L, TR BRI P 5 % o 4 20,
Cd SETRBAT L™ ks s I AN 75 G, ) 2 AR e T
TEBRPE A R P R AR PR 1 R
g i HAT R PR, RO B At . sl s 4, B
B ) A 1 D R B0 . B E TR I AT
FEXIE ) 3 Cd SR E T IR
S B R A T Y Cd & B S AU TR bR
HEM 4.0 527 1A Cd Wl g5zt X A (4 R VA
KO BRBE V5 YeAT . C AT WF 90 UE 35 38 W 38 R X RN
W I (R R 8 o b 52 1) T Mb 3% 3 1) 7 4 v e,
S 30 3o 5 R AR A R O R R 4 R
{1t T B i 412830,

222 MERFER ZES KT G R A
TEUE Ay AT RG22 S e e i A Rk 8
JIR R IGE W T e A 3 AR
PE R G R AR B R k2 i A B 2
(P<0.05), A Z= M BAR T Z I Na Ca. Fe.
Ni. Cu. Cd.Na. Ca. Ni. Cu 7 &4 i & &
T EE B4 Fe Al Cd & wm T &tk 5
Konz &g -1 245 AWFST 4 B LA —Sov X Fl
Z5 AT g Sk AR G (2 AR AL . K. AR
AR AT Ny SR 22 A e e MEAE Cas Cu S0 E
W A 5 1 2 Hh AT A 52 0 ME 2 0 VA OO0 i 9 4
R IR R KT AT BE S AR ORI UL PR R R A 4 i K
1 K BRAN,Cd 1 IR BE R H LA 7 4R, A
B D T v TR S e R A B A5l R M
fish A TT g 5 Fe AQTHLAIIE R A1 AR S _E ik g5 3
W1 TT i 42 0 7 35 2 i 55 8 RN L I B 78
I3 25 R A N VB LR ) TR BUE A R 3%

118 WHO [ RS AT 3 21:45~59 % g
EA,60~74 % NHIFH,T5 B K ULE AR
RIFAER A NBE M b e 25 B9 48 L oR,s A
A TC FEAEA AR RS 210 22 S AN LA 8 3 1k, i
Hi—J0% Na. As. Mo. Cd. Hg 7f 3 DANFAIFERS
20 [A) B AT G 25 M 25 57 (P<0.05). B 5 4R W i B8 K N
IEYERFAAWCT- A Na P IRRE ) T B, 55— D7 i
ENHTRAIE T e SR T L R $3 Na
TENAR N B .

Mo SRR AN il B IR e 3,5 5 Ak
POk (KR L, T AT SH 72 0, 2 5 A 7 s AR gt e,
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#*8 AEMINEFRENENPTRRENERESITER

Table 8 Statistical analysis of differences in whole blood element concentrations by sex and age group

PER R ALAE Mann- t AR P AR ANOVA
. " K-W 556
SRR (ng/L) Whitney % o 06 (ng/L) A5
R o<
E/q i Pl 45~59 % 60~74 % >75 %
Z T F H
(7=143) (7=68) (7=66) (7=105) (n=40)
HE LR 2.16x10° 1.98x10° -4.06* 1.99* - - - - -
T 4.81x10° 5.38x10° -6.19*% -5.45% - - - - -
i LA AR
e 34.4 39.4 -2.06* -2.47* - - - - -
[Z& V%S
Na 2.06x10° 1.86x10° -3.92% 2.86 1.93x10° 2.01x10° 2.09x10° 248 6.09*
Ca 7.09x10* 6.22x10* -4.86* 4.12 - - - - -
Fe 4.64x10° 5.28x10° -6.33% -5.76 - - - - -
Ni 3.35 2.63 -1.95 1.26* - - - - -
Cu 9.72x10? 9.39x10? -2.20 2.35% - - - - -
cd 1.41 1.92 -1.45 -2.41%* 230 1.30 1.58 6.38* 13.6
As - - - - 1.33 1.10 0.705 4.44 6.27*
Mo - - - - 0.805 1.46 1.62 3.33% 11.8
Hg - - - - 0.740 1.30 2.70 0.26 6.07*
VE: #40#P<0.0.5.
FHIME 23 #7145 R W7 AN [F) 6 32 2800 2 [a) 24 7 Bt K BL Sn (<0.171~34.6pg/L) «  Ba(<0.063~

AH IR 59 (r<0.5)(H 43 6% (Ca 5 Na. Mg 5
Fe. Mg 5 Zn. As 5 Cs Z [A)AH M 3 (>0.5),
PER HE 2L 7T 25 AT BE AT A0 U A) B AR i A2 IR RS 5 2
I IX — &5 B JG ST e 5 G 2 s 5 A TAE R
PO T AKYE S AT A0 5% 3 1) 2 R
ER AR AP O R EIu 5% LA
U R NOH FICHE MIE 2 5RO, LR s 3
I8 A OGS Bt 2= 1 B A il 2 4 )R
TG ZE AT MR RN A S 43 2 ) A7 A S8 3 22 e R WAAE S
SR RN A R AN Z GRS B 5 AN 2
eSS

3 4k

AMFFTIET ICP-MS/MS A, Tl i ek i il 4%
(NI ek YN EEE T SRS R R e S aVAN
N4t 35 FORTRIME KOV o6 2 A bt
J716 A% T AT A PR (R>0.998) R (e
A HH BRAR 2 2.0ng/L) K %5 5 (<15%) FIHAEA & Ohn
FRIEIKCE 76.2%~124%). 5 1% J5 15010 44 i
HNE IR 12 211 44 225 N A R AR AT

84.5ug/L). Ni(<0.748 ~15.1pg/L). Pb(11.6~65.4pg/
L)s Cd(0.15~6.92pg/L)FEZ N BEH IR B K F i T
oA FE 5 A X RE, HL Pb K H 20 100%, A1F57 A
FEAEAEIE A D% 45 I8 70 28 1 DX 3Pk 2 B e 11k, HL3
Iy TG F A PE RIS 2

AR T — e v HE . EH T4
R 2 J0 % s M i R T M ANR R IX
AR NG 2 /KT« RFAE B X3 22 S
G5 AT R ZIB MK A R B VA . 22 4 S G
£ 2 5 U 55 B0 B8 T 005K W o B (LR 27 Al 4l A
FORSHE.
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