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Abstract: Objective To optimize the calcination process of Muli (Ostreae Concha) by AHP-CRITIC mixed entropy method, and
health risk of heavy metals and harmful elements were evaluated in Ostreae Concha medicinal materials and calcined Ostreae Concha
decoction pieces. Methods A one-way test, combined with thermogravimetric-differential thermal analysis (TG-DTA), Fourier
transform infrared spectroscopy (FTIR) and X-ray diffraction spectroscopy (XRD), was used to characterize and analyze the calcined
Ostreae Concha decoction pieces obtained at different temperatures, and to preliminarily determine the calcination temperature. The
optimal processing parameters were optimized based on the AHP-CRITIC method through orthogonal tests with calcium carbonate
(CaCO:s) content, heavy metals elements content, yield and crispiness as indicators. Inductively coupled plasma mass spectrometry
(ICP-MS) was employed to detect the contents of five heavy metals elements, namely, Pb, Cd, As, Hg and Cu, in Ostreae Concha
medicinal materials and calcined Ostreae Concha decoction pieces. Taking the application of raw powder into medicine as an example,
the target hazard quotients (THQ) and carcinogenic risk (CR) were calculated to assess the health risks of heavy metals and harmful
elements in Ostreae Concha medicinal materials and calcined Ostreae Concha decoction pieces. Results The optimized calcination
process is 2—3 cm in diameter of Ostreae Concha, and calcining for 90 minutes at 650 ‘C. After processing, the CaCO;3 content of
calcined Ostreae Concha decoction pieces did not change much, the heavy metal and harmful elements contents were reduced. As
demonstrated by health risk assessment based on the THQ and CR models, these 22 bathes of Ostreae Concha medicinal materials and
calcined Ostreae Concha decoction pieces did not cause significant health hazards for the exposed populations, and there was no
potential carcinogenic risk. And the health risk of 22 bathes of calcined Ostreae Concha decoction pieces was significantly reduced
compared with the original medicinal materials (P < 0.05). Conclusion In this study, heavy metals and harmful elements were
included in the evaluation indexes to make the results more comprehensive. The AHP-CRITIC mixed entropy method combines
subjective and objective factors to optimize the calcination process of Ostreae Concha, and the scoring results are scientific and reliable,
and the process was stable and feasible, which provided experimental ideas and methods for the study of the concoction process of
Ostreae Concha and other testacean traditional Chinese medicine. The health risk assessment of heavy metal elements in Ostreae
Concha medicinal materials and calcined Ostreae Concha decoction pieces provides a scientific basis for the safety in clinic and the
long-term safety of Ostreae Concha-containing in health food.

Key words: Ostreae Concha; processing technology; AHP-CRITIC mixed entropy method; inductively coupled plasma mass
spectrometry; heavy metal; harmful element; health risk assessment; thermogravimetric-differential thermal analysis; Fourier transform
infrared spectroscopy; X-ray diffraction spectroscopy; orthogonal test; CaCOs; Pb; Cd; As; Hg; Cu; target hazard quotients;
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*=1 HIBFAM REHIFRAERER
Table 1 Sample information of Ostreae Concha medicinal

materials and calcined Ostreae Concha decoction pieces

2t PR/

75 . ! W WAERT B R RS
1 ML-01 J AR#IT  #igktn  2023-09 DML-01
2 ML-02 J ZRHNT Higth  2023-09 DML-02
3 ML-03 J AT #iskftn 2023-09 DML-03
4 ML-04 J ARBHYL Hrgtte  2023-09 DML-04
5 ML-05 J 474 #isktn  2023-09 DML-05
6 ML-06 J iR Higth  2023-09 DML-06
7 ML-07 JHiRST  Higth 2023-09 DML-07
8 ML-08 J T Mgkt  2023-09 DML-08
9  ML-09 JUUUMIMN B4Rt 2023-09 DML-09
10 ML-10 J PEMIN  Fr4kts 2023-09 DML-10
11 ML-11 R Bregth 2023-09 DML-11
12 ML-12 R gkt 2023-09 DML-12
13 ML-13 #iTT3 #igkts 2023-09 DML-13
14  ML-14 #riTT3 #igtts 2023-09 DML-14
15 ML-15 Wik #rgkts 2023-09 DML-15
16 ML-16 J &RFHYL  farfeith  2023-12 DML-16
17 ML-17 J T it 2023-12 DML-17
18 ML-18 7§ gkt 2023-05 DML-18
19 ML-19 J 7§ gkt 2023-05 DML-19
20 ML-20 [P gkt 2023-05 DML-20
21 ML-21 J°7% Bregth, 2023-05 DML-21
22 ML-22 J°7% Bregth, 2023-05 DML-22
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Fig.1 Appearance and character of Ostreae Concha

DML-750

DML-850

medicinal materials and calcined Ostreae Concha decoction

pieces
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Fig.2 TG-DTA curves of Ostreae Concha medicinal
materials ML-18
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Fig. 3 TG-DTA curves of calcined Ostreae Concha
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Fig. 4 TG-DTA curves of calcined Ostreae Concha
decoction pieces DML-850
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Fig. 5 TG-DTA curves of calcined Ostreae Concha
decoction pieces DML-950
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Fig. 6 TG (a) and DTA (b) curves of Ostreae Concha of

different calcination temperatures
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HEIRN 38.18%, [FIB TR DTA #hZR7E 789.83
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Fig. 7 FTIR spectra (a) and their second derivative spectra

(b) of Ostreae Concha of different calcination temperatures

i1l 60 min AR T IATS BIRELE 260 32.29°,
37.45°, 53.97°, 64.28°. 67.52°% Wb ATHTIE, FFEr
CaO HJ#niE PDF K /¢ (Lime: PDF#37-1497), T
RIS CaCOs bt PDF & HIRT S IE, 0
AT CaCOs JLT- 58440 fif )y Ca0. 750850 C
HEUGIBCH S BR A 7 A T CaCOs FINFIERT S 144,
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L/min, FALS0E 1.0 L/min, #M2/FRS KR &
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Fig. 8 XRD spectra of Ostreae Concha of different

calcination temperatures
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C, till gLk, BRI 3 IRk

(2) ARAEEB A% RS E Cuy As. Cd.
Hg. Pb LG H A0SR, I 5% IR MR il %
2R Pob AT As 0. 1. 5. 10, 20 ug/L, 5 Cd 0.
0.5. 2.5, 5.0, 10.0ug/L, % Cu0. 50, 100. 200.
500 ug/L, % HgO. 0.2, 0.5, 1.0~ 2.0 ug/L {1 &%
JoT R T TR A B VAR o

(3) WHRIEIH] £ K% Iny Biv Ge 1
TCERMAERIOE R, H S%IEERMR, fIREs 1
mg/L (IR A WARER - NFREBCR FHEEZR N AR TN
EIN

(4) Pl eI % B R 0.1g, ¥
WIRE, BT 100 mL RIS LM s, 7
mL 65%fHIR, 18X B 10 min, 7 5SA |
FUa, THERIXH 80 CTHIWMAE 15 min, A EIE N
BB, BN AT, B 2 25 AT T A
HIRTERUE, FRAEZEERDUHE AR, MR
2 50 mL S, F/DBEIKIRERIEARE 3 X, Bt
WEIHT S, MAERITRIFHERT (1 mg/L)

R2 WHERNTESS

Table 2 Working parameters of microwave digester

R kThE, FHERRY PSR dERERT A/
IR w min C min

1 750 10 100 5

2 1500 10 200 25

200 uL, BUKERBRZIE, 5, RS, SRS
SPATHI 3 4o

(5) 25 VAR )45« BRAS A WA 5L A0 Au ot
Rk, RFEESEAF T R

(6) LMK RFE: Rl R Y 2R R
AT, I “2.1.6 (1)7 TF ICP-MS il
WM E S TR SR, DN RIREIRE N
BALRR (XD, DIRFIN TG R ALE FH A bR e 2= S Ligm
MK B AR (YD, Zbilbrk sk, #HT4
PEENE, HEARIETRE. Koo R LRI
FAHKZREL () W3R 3, % r KT 0.9990, KW
K ICER AR FVE N I o8 R R I o

*3 BREZMXAR

Table 3 Linear relationship of elements

. WiR o BN Y
TR iz I 975 7% r (ng L)

8Cu 72Ge Y=0.0541X+0.0116 1.000 0 0.182 0~500.000
As Ge Y=0.006 1 X+9.7413X10°° 1.000 0 0.211 7~20.000
14Cd M5In Y=0.003 5 X+1.310 6X 10°% 1.000 0 0.021 0~~10.000
22Hg 209Bj Y=0.001 5 X+1.902 5X 10 0.999 6 0.006 0~~2.000
208ply 2098j Y=0,139 0 X+2.500 0X 10~ 1.000 0 0.082 0~~20.000

(7 KR, EER: B M El, 1%
M8 “2.1.6 (17 WK ICP-MS MR 464, kRt
TR 11 K, T SRAXER I SEAEL, 53 3] AASC 25 i S A )
3% 10 febnaE ZE 0T B A7 I oo 2 ot SR B AR A
HIRAEER . 455 Cu. As. Cd. Hg. Pb JLEH
KPR N 54.6. 63.5. 6.3, 1.8, 24.6ng/L, &
=R AN 182.0 211.7. 21.05 6.0. 82.0 ng/L.

(8) A543 56 . B ML-03 il fidi, %R
“2.1.6 (1)” TR ICP-MS Pk 2 - 2L 5E 6 7%,
WHREITCRMNAE . 4R ER, Cu. As. Cd. Hg.
Pb JTE M NAE K RSD 73 7114 1.54%13.01%+3.63%-
3.87%- 0.69%, IFERTHSZIEHIN, RZAZHKE
R .

(9) FaE b : B ML-03 Btk s, %18
“2.1.6 (1)” WK ICP-MS MR E, 25Tl 4% 5
0. 2+ 4. 8. 12, 24h HHATIIE, HHLSTRES R,
5 EIR, Cu. As. Cd. Hg. Pb JGE N ) RSD
3N 3.52%- 3.15%- 3.15%- 3.82%- 2.58%,
B A VRAE 24 h WA EME R .

(100 EE MR 7 7HIH 6 7 ML-03 #£4if 0.1
g, FEERRE , AT Hl 2 BEi AR 6 0y, 1518 “2.1.6
(17 TR ICP-MS MR & A 2T, tHHE& TR
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TR, 45 EIR Cus As. Cd. Hg. Pb TR ESE
f£) RSD 73 51N 3.21%+4.33%+3.94%.3.04%.4.18%,
BIE T2 Ja Bl , RINZ T EE S R AT,

1) JFE R ARG : B 6 4 L% 5 Fhot R
RN ML-03 FEfb 0.05 g, FEEFRE, LLATHURE
BEHEITRTEMN 1.0 6%, 25k R S briE
T, AR A, #9216 (D7 TR ICP-
MS MHAKAEIE S MTR S &2, 4iRER, Cul
As. Cd. Hg. Pb Ju# IV 3 MFE R 2533 R
85.91%- 91.46%. 103.43%. 96.23%. 89.86%, RSD
SN 4.62% 2.97%- 7.49%. 7.65% 5.03%,
BZONEHEA P RAF, FFA T ER

(12) FES S EMIE: B “2.1.27 TR & FE S
K, %R “2.1.6 (4)7 TR J5 ik & s,
I “2.1.6 (1)” Wi K ICP-MS MR 23470052,
HHEETREE, 45RNE 4. EREH Y8R
filf5, Cu. Cd. Pb3 NILEHAE 350~750 C, &
I 3k P - PRI, As Jo 3 E A 350~650 CRA
BT EmREAR, 750 CRBHIGI As TR SRR
650 CHilfmIg A, 24 850, 950 CHil)5,
FERIH CaCOs 5748 N CaO, FHEIKL, 7
BB n R T EAE R K Heg o= E0 AUk,
PERAKRE, i oK, SIS EhEiRE T =
M A% 454 TG-DTA. FTIR. XRD #7485 5] %1,
MIBHREE =T 750 C, 4l R E RS CaCO; IF
U CaO 1 CO,, HH BT &L, # Cu. As.
Cd. Pb JGE & &AHNT G,

R4 HFAMEARRERFIRNECRTIRAE
Table 4 Heavy elements content of Ostreae Concha of

different calcination temperatures

Ji 257 #/ (mg kg ™)
Cu As Cd Hg Pb

e

ML-18

DML-350
DML-450
DML-550
DML-650
DML-750
DML-850
DML-950

21785 0.4189 0.0257 0.2482 4.9486
18771 0.3465 0.0247 0.1984 45525
17535 0.3049 0.0228 0.1519 3.6089
15340 0.2772 0.0199 0.0657 2.4880
11550 0.2133 0.0186 0.0292 0.9864
11314 0.2249 0.0144 0.0149 1.0673
35714 04598 0.0215 0.0115 1.4932
8.6203 0.5868 0.0314 0.0088 1.7596

2.2 IEARREMIEEHIR R R RERFI TS

221 ERRBBITSER A REERE K
FRALME R RIELE B, 3% 450 550, 650 C 3 M
FHREE (A) KF, 30. 60. 90 min 3 MBI [H]
(B) 7K XH i T 287 5. X T8 24
MEAR KA, BAT R B2 T bR i35 R
BRI EE IS, (HAE R b 25 M e S 45
VERNFRAIEFE) — T5 P 3R 2 “ BUBAE WG, KN A eeeeee
JBHITRIGE 7, $Eon 294 B4R K /N AT B 2 5 M A 1)
WHITZ, Siaminaet, ALt 3 MM E
% (C) KF (0, D [1, 214 (2, 3] cm BHTHEEL.
oSS o T & .7 <1 I e = 3 T SVl X S
KTV R 5. BUIGZH ML-18, &4 50 g, R4
Lo(3*) IEAZS R AAT I, 700 25 SR ot e

x5 IBHIFEFITZ LGHERZRRBEERKE. RERITRER n=3)

Table 5 Design and results of Ostreae Concha processing technology Lo(3*) orthogonal experiments (n = 3)

s (S CaCOs/ JoE S B (mgkg ™) FRIGRESE TR 13251
A/C B/min Clem D(FEH) % Cu As Cd Hg Pb oo %
1 450(1) 30(1) (0, 1D (1) (1) 96.6264 1.8269 0.3271 0.0245 0.1942 3.8246 20 98.07 6341
2 450(1) 602 [1, 2] 2 (2 96.6833 1.7722 0.3219 0.0230 0.1549 3.5100 30 98.20 61.02
3 450(1) 90(3) (2, 3] (3) (3) 98.0445 1.7244 0.3190 0.0221 0.1495 3.4078 40 97.12  70.38
4 550(2) 30(1) [1, 2] (2) (3) 97.4314 1.6679 0.3069 0.0222 0.0753 25507 30 97.62  76.92
5 550(2) 60(2) (2, 31 3 (1) 98.2787 1.5986 0.2814 0.0227 0.0684 2.4518 60 97.24 8234
6 550(2) 90(3) (0, 1) (1) (2) 96.3517 1.5243 0.2771 0.0202 0.0643 2.3407 70 97.34 8387
7 650(3) 30(1) (2, 31 3 (2 98.1459 1.3071 0.2525 0.0189 0.0310 1.1476 50 97.55 92.65
8 650(3) 60(2) (0, 1) (1) (3) 94.9300 1.2100 0.2402 0.0181 0.0290 1.0310 60 96.95 94.20
9 650(3) 90(3) [1, 2] (2) (1) 985198 1.1670 0.2215 0.0179 0.0267 09112 80 97.07  99.37
Ki 64.94 77.66 80.49 81.71
K2 81.04 79.18 79.10 79.18
Ks 9541 8230 80.50 80.50

R 3047 464 1.40 2.53
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(W FIZ)4F B4R 3 A EZH 2R A FIZKF X CaCOs &
B, BERAEECESTE. WA TR KRR
o, ARG E A 3 R, LI Mg R ILE 5.
222 HERbRIINE

(1) CaCOs HEME: BRI L4082 0.15 g,
FEFRE, %I ChEZH) 2020 R — U5
TR CaCOs & & IME J7 L AT IE -

(2) 5 MESBRAHFTRTENE: %R
“2.1.67 TR kAT AR S AR &S AR E .

(3) BRAGFEFEA 7 AR P B 5 S5 0800 BLAS +
N[5 L) 5t JO M D IR, R 0 ) S [ IR A
FEEEATIR 7 EA . Wbt M FH = BFAE TR 20
grs REFH FHFEE R 40 735 5 FFHFEE IR 60 43
TR HFEIEF IR 80 435 UARERAS |« 4242 B A 5 R
100 43« ST 38 Z A1) 40 5l 304 50+ 70+ 90 4.

(@) WHAERIE: #%BAX (D #H7E.

TR 528 =Ry I/ R D)
2.2.3 TP RFR I A AL

(1) AHP &€ FMAE REL (Wanp): AHP
R —ANE RN Z B JSE R BUE N —A 245,
¥ H bR 2> BAREAEN, 33170 2N 2 Fa b
CEGHEN ., 2980 [ T2k, i e P FR bRism) &
WHEE R EREHT RO FUEHT, LMEE
NHEFR (215 2 RIMARER RS 715 75
KEFFH, CaCOs ZAHWHIM EZ NSy, HAg (HE
2448 2020 FERR—EHLWRTT RIE 2w FE b
B, S BN E K Cu. As. Cd. Hg. Pb5 Ff
HE R KA EICRIMEA Efe s e —, WE
HABEAIR T CaCOs; ([ 24 L) 415 1 il 50 A
COBCZETRNG” HREIR , ST 700 FL IR R A R
Wiabrz —; ok, BRRARER TR, BRE
L, B AERERE, (HIR R S, CaCOs #AR N
CaO, EZRKAM, WHIFREL, SR TR R
13 RGN M ) T Z VPN AR 2 — .

CEA S R B T2 b DL PR 4R B B AR
TR, ASLIGH L 8 MM RN N 4 A
JZEIR, g e EIT N CaCO3>Cu=As=Cd=
Hg=Pb>BRIiFEEE =10 15256, A6 2 R L i 41
Wik, THEIRTFSARNE Wane WK 6. FEFE—E1E
EL#IER -+ (consistency ratio, CR) =0.027<<0.100,
45 R R TR AR S LU R e B — SO L, R
PR FE MR AL RECH AL FTEE.

(2) CRITIC ¥ 2 ZWMAEREL (Werimic):

®6 TN IEARART LB S F B KB K2 46 4R Wane
Table 6 Priority judgment matrix and each index Wanp for

pair comparison of evaluation indicators

s BRSO

P HEPR CaCOs Cu As Cd Hg Pb o % WaHp
CaCOs 1 3 3 3 3 3 4 4 03095
Cu 3 1 1 1 1 1 2 2 01134
As 3 1 1 1 1 1 2 2 01134
Cd 3 1 1 1 1 1 2 2 01134
Hg 3 1 1 1 1 1 2 2 01134
Pb 3 1 1 1 1 1 2 2 01134
BRIGAERE  1/4 12 12 1/2 12 12 1 2 0.0674
WHRAAFE U4 12 12 12 12 12 1/2 1 0.0560

CRITIC & —FEMIALE, FeT PN FRARAON B
558 5 M4 B - [B) 118 3o 2R 12 SR 27 6 1T B i A 1) 25 WL
B ABP7eH, CaCOs ZATHIH EE Ny, & &
R FLTUEBR G, TR AR BE VY 20 v S kB
alfE, R RRMEELE, LLE 3 FHEIER TS
Br: 5 MESRAAFCRGENMEE, LG8
FARFR M IR R LR, 8 A febs. HA
32 XA HRFAEIE LA E . FEXFRLE 8 ME
MR PR B IEAT C E N DI B AL, 4%
AR (3 REARAEE (S, FEATREITE.

Xi= Xmax—Xi 2
Xi A IE [P R 0 S B 6 ) P A (9 LE ) AL AL BRAE, Xoma A9
Z A FRRR IR AR, x9SR AR BRI SEIME

Si=(xi— Xmin)/(Xmax — Xmin) (3)
Si NATHEAGCAE , Xoin ZFEFFB/IME ) Xinax F91ZFEAR IR KME.

K] SPSS 27.0 BAFTH R BARIR IR HEZ (0
MR (R ZEERERE (C) MZEHWAAE R
(Werimie)s 18 CaCOs. Cu. As. Cd. Hg. Pb. Bk
WEAE FEAN R 1325 8 NP AR Werimie, 45 L
®7.

®7 3IDUFNERHNERY

Table 7 Weighting factors for three evaluation indicators

P FE R oj Rj Cj Weritic WaHp-crITIC
CaCOs 34.1629 6.8384 233.6180 0.1948 0.4551
Cu 359474 3.1111 111.8360 0.0932 0.0799
As 341488 3.0285 103.4195 0.0862 0.0738
Cd 26.876 7 3.7227 100.0533 0.0834 0.0714
Hg 351588 3.2428 114.0128 0.0950 0.0814
Pb 36.7313 3.0644 1125609 0.0938 0.080 4
BRIGALRE 324674 3.7096 120.4408 0.1004 0.0511
W55 28.0486 10.8230 303.5690 0.2531 0.1070
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(3) AHP-CRITIC B&INBLEHE E A HUE &
B (Wanp-crimic): S TS A EE F 5000 4 1h0 HLILG
G ERR, AUHFCRAE S INBEE, ¥ AHP
A1 CRITIC %7 A5 2 & Fabr AL R BdEAT 45
Ay AN (D) THEIRAT Wane-crimie, @R WK 7.

n
W anp-critic = Wanp Weritic/ Z WanpWeritic (4)
i

K FH SPSS 27.0 #BAFXIFHET 3 FALE 43 Hrid i
RLEE VT R IATHR R . SRR,
2T AHP %15 CRITIC . AHP %5 AHP-CRITIC
B IIAGE CRITIC 5 AHP-CRITIC & & NMBGE
PRI ERE VP2 IR ¢ R B 701 0.998 7. 0.998 4.
0.9992, R 3 FhJ7 i P 835 HAT W38 AH G
(P<<0.01), B 3 Fi E 73 HriiA3 B £7-5 V7 45 R
BAE . KA SPSS 27.0 #Ext AHP 5
CRITIC EFTBCE REAH N E AT 00, S5 R
IR, 2 PR TR AE R AR RN
0.163 5, HAHXKMAEE (P>0.05), W &
SRS BAEA B0k
224 BRI RS BT T2 S 5
o OONAEL BREHT 8 TN FR PRI TIAL, A
WFNE . B 2 LA RE 3 PR E 34 5 i
I, B2k AHP-CRITIC 5 & InAUE E I
Wanp-crimic NEFERCE 2%, AR (5) HEX
HIEATRIGLE R (K 5 MLEEFD (), Y{EBK
KUZTT R, SR NEK S, TTESPTILE 8.

9
Table 9

xk8 HESH
Table 8 Analysis of variance
TIERIE METTIR HBE 975 FlE P
A 4184.28 2 2092.14 1204.15 <0.01
B 235.15 2 117.58 67.67 <0.05
C 32.55 2 16.27 9.37
D (IR %) 34.75 2 1.74
n
Yi=100X ZXi X W AHP-CRITIC i/ Ximax (5)

j=1

FH 5. 8 AIAT, JEHIRE (A I ] (B).

M EAR (C) 3 AN Z R W M il T 252 A2 B N
A>B>C, HPHEZE A BXEETED ¥V iR
(P<<0.01. 0.05). HZHf e Bl .28 AsBsCs, HJ
PR 1) B R ML T2 N 2 N HAE 2~3 em,
£ 650 “Cif B2 N x| 90 min.
2.2.5 MW T ERAERE X “2.2.47 TUR L
AW T2 AsBsCs BT IRIGIGIE, i
AHP-CRITIC & & MBGESATE APy, SRR
9. IR, 3 IIERE P S FRbRZE AV Y IR
FH1E N 98.38 (RSD M 0.75%), FHK T ZESL
PEUF . FREATAT -

ZEE M IERS RS % TG-DTA. FTIR. XRD Fl
ICP-MS P45 ] %1, 7E 650 “C iR E F B 90 min
FIrAR G i i, A WL AR R, (R 2
5> CaCOs AR KA LA, HIHMARFFE AT
i MLbRE, TEEMEH H . HUE Sk BB R N

i EH T Z1ER

Validation test results of Ostreae Concha processing technology

s CaCOs/ JR RS B (mgkg ™) BRIGARERES AR 1RER/ v RSD/
% Cu As Cd Hg Pb 95 % %
1 98.0215 11659 02316 00183 0.0289 009848 80 96.95 98.24
2 978574 11755 02373 00187 0.0280 1.0036 80 97.07 9852  0.75
3 98.0871 11806 02287 0.0187 0.0284 09819 80 97.34 98.37

650 °C, JEHINTE] 90 min, Z5HF B4R 2~3 cm, X}
22 FbA 0 25 A4 BEA T M A5 B 6 B AR A, YRS

W_}% 10
23 HIFOHAEESRREETENRERS
FEA

231 HUEHEESE LG E RN EES
B BGR 1o 22 SRR AR WA R, KR
WS, 1200 B, &R, 0 E L B
MR 0.1 g, FEERRE, %R “2.1.6 (407 TR
AL IE, HDE Cu. As. Cd. Hg. Pb

SHMILREGE, SRNE 10, A7, HEGFZME S
P &8 A FHIUR G ENESIT A Cu>Pb>
As>Hg>Cd. HH%i'5h ML-18~ML-21 ] 4 it
HARZM T He oR SR ChEZ ) 2020 4
Jil—HBA4E I N Hg<<0.2 mg/kg 1R & E .
ZEH S, dWiF Cu. As. Cd. Hg. PbS Fb
LR GEHFC. RiE (hEEEREREE R
#fE (ISO 18664: 2015)) &K Cu<1 mg/kg. As<
4 mg/kg. Cd<2 mg/kg. Hg<3 mg/kg. Pb<<10 mg/kg
() —FPERR A S AE I, AR5 24584 MUBCH WA R 1)
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& 10 22 HHHEFEM SBHIFIRAE CaCO; RERECRTESE (n=3)

Table 10 CaCOs content and heavy elements content in 22 batches of Ostreae Concha and calcined Ostreae Concha (n = 3)

e CaCOs/% Cu/(mg kg ") As/(mg kg ") Cd/(mg kg ™) Hg/(mg kg ™") Pb/(mg kg !)
i aitt A Zitt W L) WA 2t WA Zitt 9 Zitt e
1 98.80 99.22 19955 14881 04841 0.1462 0.0278 0.0183 0.0178 0.0159 09252 0.9167
2 95.67 96.13 3.0416 19252 04941 0.1960 0.0307 0.0158 0.1980 0.0119 1.0030 0.9574
3 96.49 96.46 25025 16014 03596 01653 0.0250 0.0200 0.0460 0.0120 1.3616 0.8526
4 9551 96.64 49577 14228 03725 0.1813 0.0279 0.0264 0.0588 0.0065 0.9153 0.8167
5 96.45 9655 39262 14767 02091 0.1650 0.0253 0.0243 0.1264 0.0451 0.8266 0.7240
6 9512 9580 2.6499 13022 0.3027 0.0774 0.0265 0.0120 0.0500 0.0225 0.6943 0.5175
7 97.85 98.08 21352 1.0554 0.2455 0.1417 0.0240 0.0215 0.0324 0.0135 0.7410 0.0853
8 9741 9734 22711 15652 04045 0.1736 0.0254 0.0184 0.0527 0.0134 10716 0.8060
9 9595 9582 22295 12011 0.6228 0.1482 0.0250 0.0195 0.0589 0.0105 15519 0.8738
10 95.77 9559 35672 09492 0.2131 0.2126 0.0254 0.0184 0.1260 0.0105 1.0433 0.6384
11 96.37 96.70 4.1688 16402 0.7068 0.2502 0.0301 0.0276 0.0178 0.0059 13968 0.9299
12 9532 9504 22165 15571 05894 0.1092 0.0288 0.0144 0.0377 0.0169 09121 04791
13 96.99 9571 6.9945 18033 1.0005 04397 0.0314 0.0279 0.1818 0.0090 12465 1.2231
14 97.07 9792 24555 10413 0.1887 0.1270 0.0275 0.0199 0.0578 0.0170 0.6715 0.6509
15 9439 9503 23977 17939 0.6238 0.2436 0.0339 0.0304 0.0240 0.0165 10893 1.0813
16 97.27 99.18 43745 12614 0.7540 0.2599 0.0344 0.0198 0.0652 0.0114 28266 0.7856
17 98.79 99.01 44500 16043 0.1680 0.1244 0.0196 0.0167 0.0264 0.0000 12600 0.3497
18 9796 98.79 21785 11706 04189 0.2339 0.0257 0.0193 0.2482 0.0282 49486 09142
19 9425 9752 17957 09292 0.0904 0.0863 0.0141 0.0105 02422 0.0131 42922 0.8120
20 9552 9582 16770 10388 0.1504 0.0733 0.0206 0.0202 0.2262 0.0231 25487 0.4410
21 96.46 96.67 1.6444 10130 0.0964 0.0864 0.0170 0.0170 0.2219 0.0090 24206 0.4570
22 9551 9644 22178 13677 0.1785 0.1219 0.0231 0.0187 0.1476 0.0465 49533 0.8142
X+s 9641+ 96.88+ 29931+ 13731+ 0.3943+ 0.1711+ 0.02594 0.019 9+ 0.10294 0.016 3+ 1.759 14+ 0.733 0+
1.26 1.32" 1.3305 0.2975" 0.2426 0.0826" 0.0050 0.0050" 0.0816 0.0113" 1.3485 0.2613"
5HanZid i "P<0.05: F 11, 12 A,
*P < 0.05 vs Ostreae Concha; same as tables 11, 12.
As. Cd. Hg. Pb G o BISFEIRETEHN, CuJt } i
ZEH 1S0 PsE EIR, 374 ClE 25512020 2 .
SO RE ) — B FR 2 48 FH Cu<<20 mg/kg. R4 e
F 10 Helfs, UG 2GR R R R A ) 4R g0
TRER, WX MRS R, SIBHRE T o
Cu. As. Cd. Hg. Pb 5 FiULH A RIIE T2 N
# (P<<0.05). ’ : : ; : -
DA TCR & BN R, R SIMCA 14.1 8 Ax 1]
CHZ%_{:‘HL%D ‘}:«&CHZ%@KH‘ iﬁﬁfﬁﬂﬁgﬁiﬁ E]'(J E TC% R¥[1]=0.511 Ry*}2]=0.258 Ellipse: Hotelling’s 7% (95%)
9 HIRAMMBHIRAA T SHEECERBELEN

e/ - H 481 Corthogonal partial least squares-
discriminant analysis, OPLS-DA), #5HRILE 9.
OPLS-DA YR FERE IZ 2 R F1 Ry 733
0.769- 0.659, TtMllge 124 0>=0.579, ¥J KT 0.5,
R R E v 58, HI a7y 98

OPLS-DA Y1) 200 & #efi 4045 5 LK 10,
I R2FI Q2 B[Rl VA 2 3 70 5 MBI AR AE T 2 5%

OPLS-DA B # = E
Fig. 9 OPLS-DA score chart of five kinds of heavy metals

elements of Ostreae Concha and calcined Ostreae Concha

BlHZE, HAMBEHUHEZIS 2K R2 A0 02 /T4
MR aa s, BB ERA . e, HARMIE
ENE
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AP B R (variable importance in the
projection, VIP) {HEIWLE 11, "W, L VIP>1.0
B, T R TTIRE BRI TR N He
HT As, 1X 2 N TCERAE X 7005 258 ARG R
EHEEEH, SEN_EEZFMEEILR.

6 0:2 0.I4 0.‘6 ofs 110
TR FREL
[E 10 OPLS-DA 123 200 )X EHRIGILER
Fig. 10 Test results of 200 permutations of OPLS-DA

model

1.4 1

VIP

Hg As Cd Cu Pb
var ID (primary)

Bl sHESERBEETEN VIPE
Fig. 11 VIP of five kinds of heavy metals and harmful

elements

2.3.2 WG AT S 4R JF oo R B R X
R PPl

(1) #FEVP: BT Cu. As. Cd. Hg. Pb e
R, ERT A, SR KRR E
e R E B M E TR REEE T, @il
HZ# & (daily exposure, Exp) FAE, tHHARXL
2~ (6).

Exp=EF X EDXIR X CX T/(BW X AT) )
Exp WH#ZEE, 404 ng/kg: EF AREEEMZE (exposure
frequency), BIHZGM I IRAISIZ, 4% 90 A/ ED A
FFE RS A] (exposure duration, BEANTEHZFEHD), %20
FEHEH; IR AR (ingestionrate, MAMEHBAE), #
(25 8) 2020 R E, HEEEH A 9~30g, thAbiET
BIERIRA 20 g it C AR ESELAFCRMNEME

(mg/kg); T NICEFEBEER, Wbt uhtE DU N 255141,
N TH1; BW RAEFE (body weight), % 63 kg i1
AT A P38 A EEBUE YIS (7] (average exposure time for
noncarcinogens), &N AKIFEIFEMRE, 1% 365 d/EXT0
£=25550d 120

(2) ¥Eh5fE 3 R %L (target hazard quotients,
THQ): THQ J&H T-PPAliis Gedx N 4 Som (i
RRfEE, RBONZEHERNRIEAL 752 —. THQS
1, O N 1 B S ST 3 e B AR
fe A B R 52md, THQ>1 I, INAE LB K&
BEICREN N AR . T E AL
AR (D, WWHERNE 11, 7T, 22 #btgs 2
A BRI F Cuy As. Cd. Hg. Pb5 ftim
THQ<1, HZHEBUINAMG THQ<1. HCXf r Fala4h
REoR, HUFLBGE, 5 FESRE A FILEN
THQ {H & E K (P<0.05), R THQ {75 &
FIEC (P<<0.05), RIHARFE XU

THQ=Exp X 10/HBGV €
10 A2AH T, Lot H i 2500 B3 i b S &
R AAECENEARTHAREER (BRFEWHRH
KD ) 10%; HBGV NEGE A EFICRN @R THE
(health-based guidance values, pg/kg), Cu. As. Cd. Hg.
Pb SR HBGV 4t —#5E, 735174 50.00. 3.00. 0.83.
0.57. 1.30 pg/kg!

(3D U A B RUSRFAE SR . B XU 2
feAMR— A b R R BRI T A B R,
g M RS — Ml ik 350 XU (carcinogenic risk,
CR, # CR<1X107°, J&feXEEAL, CR N 1X
1076~1X 1074 WA —E B KUz, CR>1X107* 5
e KU =0 RAE, Z2AE SR LA FIuaR BEk
B e B MR B KR S B KR Ctotal
carcinogenic risk, TCR) FRAE. R AF (8) Fl (9)
7r ) THE CR M TCR. TR LK 12, AT, 22
TG 25 B R A Asy Cdy Pb 3 MutE
i) CR KT 1X10°¢, HEFIMAFE TCR MK
T 1X10°% FX ¢ fiesh R, HUiEBEE,
3 FESEAFEICEN CR EYREFERIK (P<
0.05), TCREJFEZF AL (P<0.05), BIHEE X
I AR

CR=Exp X CSFX 106 (8)

TCR=CRas+CRcda+CRpp 9)
CSF NEUEYIFI R AT (carcinogenic slope factor), FRNEL
RPN N 2 B R 1 0 UKE, As, Cd. Pb JGE (1) CSF
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=1 22 HIHREM SRR 5 MESR TR THQ (&

Table 11 THQ of five heavy metals elements in 22 batches of Ostreae Concha and calcined Ostreae Concha

o HAFZG M THQE 93 B R O THOME 2
Cu As Cd Hg Pb THQ Cu As Cd Hg Pb THQ
1 00089 00361 00075 00070 01592 02187 00067 0.0109 00049 00062 01577 0.1864
2 00136 00368 00083 00777 01726 03090 00086 00146 00043 00047 0.1647 0.1969
3 00112 00268 00067 00180 02343 02970 00072 00123 00054 00047 0.1467 0.1763
4 00222 00278 00075 00231 0.4575 02380 00064 00135 00071 0.0025 0.1405 0.1700
5 00176 00156 00068 0.0496 0.1422 02317 00066 00123 00065 00177 0.1246 0.1677
6 00119 00226 00071 00196 01194 01806 00058 0.0058 0.0032 0.088 00890 0.1127
7 00096 00183 00065 00127 01275 01745 00047 00106 00058 0.0053 00147 0.0410
8 00102 00302 00068 00207 01844 02522 00070 00129 00050 0.0053 0.1387 0.1688
9 00100 00464 00067 00231 02670 03532 00054 00110 00052 00041 01503 0.1761
10 00160 00159 00068 0.0494 01795 02676 00042 00159 0.0050 00041 01098 0.1390
11 00186 00527 00081 0.0070 02403 03267 00073 00187 0.0074 00023 01600 0.1957
12 00099 00439 00078 00148 01569 02333 00070 0.0081 0.0039 00066 00824 0.1080
13 00313 00746 00085 00713 02144 04001 00081 00328 00075 00035 02104 02623
14 00110 00141 00074 00227 01155 01707 0.0047 0.0095 00054 00067 01120 0.1381
15 00107 00465 00091 00094 01874 02632 00080 00182 0.0082 00065 01860 0.2269
16 00196 00562 00093 00256 04863 05969 00056 00194 0.0053 00045 01351 0.1699
17 00199 00125 00053 00104 02168 02649 00072 00093 0.0045 00000 00602 00811
18 00097 00312 00069 00974 08513 09966 00052 00174 00052 00111 01573 0.1962
19 00080 00067 0.0038 00950 07384 08520 00042 00064 00028 00051 01397 0.1583
20 00075 00112 00056 00888 04385 05515 00046 00055 0.0054 00091 00759 0.1005
21 00074 00072 00046 00871 04164 05226 00045 00064 00046 00035 00786 0.0977
22 00099 00133 00062 00579 08522 09395 00061 00091 00050 00182 01401 0.1786
X+s 0.0134+ 0.0294+ 0.007 0+ 0.029 8+ 0.302 6+ 0.382 2+ 0.006 1+ 0.012 8+ 0.0054+ 0.006 4+ 0.1214+ 0.152 1+
00060 00181 00013 00320 02320 02485 0.0013" 0.0062° 0.0013° 0.0045° 0.0450"° 0.0508"
SRR 1.5, 6,14 8.5%X 107 mg/(kg-d) S8, VP BEEE .. JERAH ISR, 5
3 e T AHP-CRITIC 5= 515, LA CaCOs &

ZESCHREE i R I, BEAEREFT 2 BA CaCOs 5
L BB T BRIGFERE . AR LR LS
RV FEAR,  DAIH I8 MR R AT [R) S A ) T2 %
B, HEHATESHSEAT. AEE N
J& T B FLIE 5 A B A CaCOs &5 B 819,
INE LT B oz 253000 /N, B TR N
RS2, Kt E SR LA E TR T ENNE
ML T 2R TEbR, RERENTERES
wA, FEREAERT T MR WARE, JEAH e —,
{HRW K BRI WA VAN T bR, FEAn A 1 A
Rk, JE2AIE A 76

GEFERMMEIRENERE, BBt
T2 S BRI B ) LR A, IRSE S TG-
DTA. FTIR. XRD Fl ICP-MS £iA&, A H IR
PIretE, SEMEE. REYMMESE KA FEILR

B BRIRREEE . AR K S ME SR AT ETR
EEIJIRER, XMBHIRE . B R 258 EAT 3
AR ERHAT IEAS IG5 52, DL 0 () e A 1) 7
X, HART WA,

4 R bn A AT R IR R 22 4 FH 2 A0 rh 2
o e 5 P T i PR B () R, LA WP R R, M e
fE— R LI RESR AT TREER S, R
TERNZI AL, REWRIRAE 15 RERRAL WA R . iR IR
R PEATWRES INAE AR 3R D o[BS R s B b
IR AR 2 —, TTIESE LA ET
= R R R R i K R AR . B
FERIE TR X 2454 S I Je ] ik ) B J e T 36
TUIR AT RS PG, ABEN I A BRI PR 1Y) 22 42
PR OR AR £ s R3] 22 4 iR 3R (IR 22 0 S5 4
PESCRF. BT, ABECRA ICP-MS BORMIE 22
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Table 12 CR of five heavy metals elements in 22 batches of Ostreae Concha and calcined Ostreae Concha
.- 5 254 CRE (X 10°9) LA UESp Y AR T CRIE(X 1079) WL R
As Cd Pb TCR As Cd Pb TCR
1 16.2419 3.7859 0.1759 20.203 6 49041 25014 0.1743 7.5798
2 16.574 5 41874 0.190 7 20.952 6 6.576 7 2.1612 0.1820 8.9199
3 12.065 1 3.407 3 0.258 9 157312 5.546 6 2.7258 0.1621 8.4345
4 12.496 8 3.8047 0.1740 16.475 6 6.0813 3.6009 0.1553 9.8375
5 7.0154 3.4479 0.1571 10.620 4 55359 3.3127 0.1376 8.986 1
6 10.154 8 36117 0.1320 13.898 5 25973 1.6355 0.098 4 43312
7 8.236 3 3.2677 0.1409 11.644 8 4754 3 29273 0.016 2 7.697 8
8 13.569 3 3.4616 0.203 7 17.234 6 5.8249 25113 0.153 2 8.4895
9 20.892 0 3.4039 0.2950 24.590 9 49719 2.6550 0.166 1 7.7930
10 7.1506 3.4650 0.198 3 10.8140 7.1339 25138 0.1214 9.769 1
11 23.7119 4.1076 0.2655 28.0850 8.3952 3.7709 0.176 8 12.342 9
12 19.772 1 3.9289 0.1734 23.874 4 3.664 6 1.964 4 0.0911 57201
13 33.564 4 4.2803 0.2370 38.0817 14.752 3 3.8047 0.2325 18.789 5
14 6.3320 3.7517 0.1277 10.211 4 4.260 6 27177 0.1237 7.1020
15 20.9254 4.629 3 0.207 1 25.761 8 8.1726 41527 0.2056 12.5309
16 25.2933 4.688 7 0.5373 30.5194 8.7184 2.696 2 0.1493 11.563 9
17 56351 26724 0.2395 8.5470 41729 22716 0.066 5 6.5110
18 14.052 9 3.5085 0.940 7 18.502 1 78477 2.6314 0.1738 10.652 9
19 3.0314 19177 0.816 0 57650 2.8967 1.438 2 0.154 4 4.489 3
20 5.0470 28171 0.4845 8.348 6 24575 2.7500 0.0838 52914
21 32341 23169 0.460 2 6.0112 2.8990 23169 0.086 9 53028
22 59871 3.1524 0.9416 10.081 2 4.090 4 2.548 8 0.154 8 6.7939
Xts 13.226 5+ 3.5279+ 0.3344x 17.088 9+ 57389+ 2.709 5+ 0.134 2+ 8.5825+
8.1391 0.6834 0.256 4 8.6359 2.769 6" 0.681 2" 0.049 7* 3.288 4"

HEAL R TS S MESE LA ETRNEE, JF
THE BTG 2584 BT 55 2O () THQ B A1 CR
8, 25 SRRV Ja i X N\ A fek B 5 35 AN 2
e AP, A, HEEJE KA FIoE N N
MfaEMUEGHEEMRL, TEHAERESAEX,
T 55 R B A 5 v % B 4 I T A8 20 A 84k S L%t
NARBERE RS A 52, P AR E .
W2 E () S RN e A A2 e s, BT
MIAFE =R 2 AT B R o FEoo R T & =
W5, FaahEEF P HHEE R A ET
R A A ORI AT R BT, DU T2
(107 R R ot B AN (1924200 ARBIE FENLER 1T 2R
PTG SRR 4 ARt 244, L E 4
B KA B IR GBS AT T KRBT, 4R E
IR 22 HRAM AR R N3, HULAIRIIX A
FEHION H S OPLS-DA BRI 5, HRA
WFTCUEER 4 ANt 22 WA 25 M 0 E 4 8 K

FILR DAY, AR A T4Ews 2544 7=
HiHAIR A O . HEDNIE e DA b2 SR A I R AT
FE S T AR IR 22 UK, R 8RR I s AR Atk ik
I RIS, DARRIWR 2 M h E SR LA E
TR G SCBE . o R N T4 4%
(artificial neural network, ANN). FENLARHK (random
forest, RF) fll K #zIf 4 (k-nearest neighbors, KNN)
G2 MLAS 2 ST AR, S S A R 24 4 7
XA TSRS . ok, 4hifh 2 3k gy, ARsE
A SR TR 1 2 )5 2 — IR VAR O. rivularis
Gould, TiARWERSR 2 MEE, BA—ErRR
P, JE SRS R T AN A e
RBFR AR ENREEAZ TR
&30k
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