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Theoretical computational study on the mechanisms of acute toxicity of
per- and polyfluoroalkyl substances (PFASs) to aquatic organisms

LU Hongze Al Yuejie ™

(School of Environmental Science and Engineering, North China Electric Power University, Beijing, 102206, China)

Abstract Per- and polyfluoroalkyl substances (PFASs) were persistent compounds widely present
in aquatic environments, exhibiting bioaccumulative and biotoxic properties that posed potential
threats to the health of animals, plants and humans. Despite extensive research on the toxicity of
PFASs in recent years, there remained a lack of comprehensive investigation into the key factors
influencing their aquatic toxicity. In addition to the biological experiments, computational modeling
played a crucial role in obtaining toxicological data and information on PFASs. In this study, 2D-
QSAR model was constructed to assess the acute toxicity of PFASs to aquatic organisms and their
combined toxicity within food chains, aiming to investigate the key factors and toxic mechanisms of

PFASs. The results indicated that the aquatic acute toxicity of PFASs was closely related to their
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inherent properties, such as electron affinity, hydrophobicity and bioaccumulation. Molecular
docking studies revealed that PFASs primarily interacted with target proteins of aquatic organisms
through van der Waals and electrostatic interactions, thereby inducing toxic effects. Furthermore,
molecular dynamics simulations were employed to study the influence of various environmental
conditions on the aquatic toxicity of PFASs. The simulation results demonstrated that solvation
effects significantly impacted on the acute toxicity of PFASs to aquatic organisms. Additionally, the
temperature and ionic strength exhibited varying impacts on different aquatic organisms. This study
revealed the toxic mechanisms of PFASs to aquatic organisms from the perspective of computational
models, providing a theoretical basis for future research on the toxic characteristics of novel PFASs.

Keywords per- and polyfluoroalkyl substances, aquatic organisms, acute toxicity, quantitative

structure-activity relationship(QSAR), molecular docking, molecular dynamics simulation.

L Z WS HA A W (PFASs) & — RN T & Bk &4, 454l S0 T8l 05U B 1) e Sk
FISEIK B Re ARG 1 2. Bl 25 42 1 BE i 2 (PFOS) Rl 42 907 St R IR (PFOA) [ fifi I 32 B FRIC 4, T
P R A A RN T Y PFASs B U450 PFASs ELA Mol 1) C—F &, I H K s e
PR 2 Fee P AE R RO B L W BV R . R N g 2 SR ATl R L Ak,
PFASs J A7 46 T /K . HHERIR S EEEE AN B P 7, il T H A5 M R e H e R8T b ok DL A, 25 B Wi e
Y SR AR AL R 2 MR B4 ML TRRD TR DE S 2 2L A8 R U, MR AR R G R R G T
JIE 22 5 F1 R 43 b 22 96 ¥ A 2508 100 R 9Y 3 B, PFASs 767K FRES e i A2 7 H O K A AR W R A AR 75
RG I HATFEFE L I, WFFE PFASs 7EK AR A 28 R G0 th 6 AN [ 95 902 W (0 22 PR 5 i 0 PPA G 7K AR &R
%t R PFASs 075 P 2A 4 25 G F 3

025 RIS PR MG K AR AR 2 R G0 s Ye s i () BLRUBE TR, = A7) 43 1 Ak F R [
(8 IR, HA WK EIERE ST, JH IR B W aE C R P2 BESY PFASs X i S84 i) 514 5% i 47 B+
#6578 PFASs TE KRBT o AT 0 . TEFE 1S 35 DA SO A A4t B 1) Jgl 250, 811 41, Guillette 2512 () AifF 58
] PFASs 23535 71 25 (1) %092 AU E T E 52 #1. Huang 2507 B9 5E 5875, PFASs 23 7F £ 285 1 I V80 R0 T
AR, IS BUFIE H BLUE B A X KA A 55 26 B, PFOS 1 PFOA TR WX HHL A Hh R
SRS PR EME ), S B B B0 ) 2 R G 0 05 P Y. Jeong SEP IS K L, PFOS 235 i K HY
TROOR T FI AChE 25 (1905 k. Ak, BIFFE B, PFASSs 23 % 8 25 200 it JI65 38 0 3, R4 5 & i, JF
P HYUE A RGP, Liu 20 X5/ NERSE 98 B, 7S SR N b R 1R (GenX) 22 88 2 M il H AR K
FEXHOLA RG =4 T MR . 25 LR, vERE a2 | IR R 28 e 28 4E /K A A W b B AU IE 5%
PFASs MEEPEAEH, A3 B T U A R S8 BT AE 7K A A= AR 9 00 26 ) SRR B R A 1 A 2 XU

A L T2 0 00 A= Wy 52 56, % P B 0 Sk 48 9% PEASs 19 35 PR B BE % 312 w20 IF 5% 250 1 B A i
AR SE AR FR (QSAR) AL o i b/ T 45 S5 AE W s 2 Rl C &R, RERS A 2L & 0 i
A TR R LML, AR 2 AR MR AL 5 2 AU LA T2 L Ak, B F
582K FH QSAR A5 KU 25 £ 43 1 X $2 1 43 7 8 12 (MD) #5480 (1 7 1 R BF 58 PFASs i 4= W d%.  2n,
Yang %59 fii F] MD B AUFSE T 4 U SR 1L & ) (PFCs) 5 AAREL LR IR K 55 14 (hWTTR) O 455 L.
59 7R, PFCs 1] 5 hTTR H #AH JC 58 ST Rl v AR BRI RN EUEVE . i T 98 8 37, T QSAR Al
K il BT 45 A ML, 25 L5 4 1 6 2 A 3l D) S AR — B S A I 58 R T QSAR BB HR 5
PFASs Xt AR fa 3, {H 4T XF PFASs 727K AE 55 TP g d ML, BUAT A9 QSAR A5t 4/ HJR IR T 2 —
KA HE PR AT PFASs 28780, 510, Zhang %659 SR ] QSAR LR 5347 T 5200 PFASs X KR A S B Y
PRI SR R AR, I P A 358 75 1 PEASs FPS# A BR, Bt = %t PFASs 7Kk 4= #MEAE H
HLH I ER A BEAR . PRI, F5E PFASs 767K A4 085 ) B2 AL BES 3R #b PFASs BEHEBE AILG B A2 1Y
[F] 5.

A 5T A 22 e 26 P 1) (MLR) AR 7 vEF 3 T PFASs Fr— K A AR W Bk vk A W BE R A 75
P19 2D-QSAR #E A 5 i: R A 43 #T 2D-QSAR FEAIZE IR H /R T PFASs X /K A A= W s i) 85
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M) [A] 28 A AL 122458 80 5 72 000 PFASs X B — 7K A= AR W) FIUK A B W) BE RS R L. ILAh, DF9T 4 &
T T RHEEOR, BEXE e RSB 3 FOK A AR AR G E A B AR, N TR HIRE T
PFASs (&g PEAE AL . 38 3 53 5 3 ) 2280, AR TS R PR A5 1 X PFASs K AR B 52 1) 31X
BEAIF 58 CRA B TR AL XS PEASs /K A= BEPEAIL I A4 BRAR , S 5000 PFASs XJ 7K AE A= W i B 1R 48 o 22 2
%, I RAKBE TR PFASs L5340 SO REEN LB SR AL T H 2 1 BIOE S0 F

1 #F9 E (Research methods)

1.1 PFASs 7K A= A= Wy @ P ae P Rtk U5

A B 5% % A € E 3 5% % 37 B ( Environmental Protection Agency, EPA) JF % f)) EPI( Estimation
Programs Interface) suiteTM.Ver.4.11 ¥ {FH Y ECOSAR #& e, Y5 T 122 F PFASs Xf 12 | RAYREZR
FIEEIE I 2L REVE RO, L8 128010 96 h P BULHE (LCso) . KALEZENY 48 h EEILHIE (LCso) L S
BRI 96 h PRk B (ECso) . TP RUE AR R /8 X W PFASs B 75 P B .
1.2 TOPSIS ZE&PEM

AR5 R FH B L i BRUAR B2 HE ¥ )5 25 ( Technique for Order Preference by Similarity to Ideal Solution,
TOPSIS) A HATEC AP, DAVPAL 28 | KAV A B 2R i W) BRI G w M BB BN R bR
AR SR AL A e 45 i, IF 1T SRR O BE B e . 5 iR R I I B o AR R LTI
AR B T T REAS R A R R N AR AR 5 I — 2R G VF43, 8 F BUEE FITE 0 3] 1 Z (8], £
X PFASs Xf KAz £ W ) B WD BRI 5 B MEVPAL, AR e i a 28 | R ARSI P 2 i) 2k sl ny e R (E
Ve BAR B AL, B/ MEVE MBS, TR T 3 0 2+ 1 BUREE Fbilt A7 3108, BARA T 7 0 pr s

&%%ﬁﬁx
X o X
x=| 1 . (D
Xm1 Xmn

ry=xl Y =120 =12, m (2)

I — B RE

A, xR SRRV (5 0 78 PEASs WA i DMREAS; j SRR 028 | RBIER Kol 28 SRR LB A7
m AREARANEL, m=122; n A BEHUK A LE My R B AR, n=3.
A — e

Vi =riiXwpi=12,-- 0 j=1,2,--,m (3)

Ko, woh bR j AR H Y w; =1,
58 AR B AR AL R 4 iR A I Rk 20N F

Aj = max vy, j=1,2,+,m 4)
A= min p 1.2, ()
THEREA | SRR d; Fli S i d; BE RS 2Rk X F

di = D" (Ar, - (6)

P

ARG A5 S H AR A XN
S;=d;/(df +d7) (8)
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1.3 TR fE

A SCHE T % B 7 R 38 (DFT) , & FH Gaussian 09 %% 4 40 7€ B3LYP/6-31G*/K ¥ T, XF 1224
PFASs 14532547 TR0, BlS , BT X454 Sda e 19 PFASs 43+, A 3053 8 def2-TZVP %
21N def2-TZVPD L HEAT T ML RE R, LIRS 12 D FAE2A S50 LR 1 XS B §E B Rk
i (TE, eV) | i i 4850 F B 2 (Egomo, V) « BARA 5453 FHUERE (ELgmo, €V) « FIE 25 BLAR FL 1
(g, eV) . et BB (¢, eV) | B (1, Debye) LA K P (O Opys Orov Ouys Osan Oy
Debye-Ang). [}, A< SCffi ] EPI suiteTM. Ver.4.11 2 il T PFASs 19 6 Y1 #L L2228, 50 T
JE (MW) | 3 BE /K 20 Bt 2 80 (1gK,,,) « 2875 (1gPL) | TR W e B 22 % (1gK,,) « B s &R T
(1gBCF) FZK i i g (1gWat Sol). T A5 PFASs 43 F R B4k 2= S8R it A 2= S 8UE T DL 3 ST .

R TS EGTE I

Table 1 Quantum chemical parameters and calculation methods

AT s 127 PRI/
Quantum chemistry descriptors Units Functional/Basis set
Total energy eV B3LYP/def2-TZVP
Exomo eV B3LYP/def2-TZVP
Erumo eV B3LYP/def2-TZVP
q" eV B3LYP/def2-TZVP
q eV B3LYP/def2-TZVP
i Debye B3LYP/def2-TZVPD
Oxx Debye-Ang B3LYP/def2-TZVPD
Oyy Debye-Ang B3LYP/def2-TZVPD
0, Debye-Ang B3LYP/def2-TZVPD
Oy Debye-Ang B3LYP/def2-TZVPD
Oz Debye-Ang B3LYP/def2-TZVPD
Oy, Debye-Ang B3LYP/def2-TZVPD

1.4 Pearson AH 4B SORRAEAE S5 P53 A

ARSOHEAF R 18 NS EC Y L S EUE T 5 ZAn AL AL 2. B 5, R Python 1144w
A g SRR e AR, X AR AL IS 0 8 PE 42 54T Pearson AH I ME AT, TH AT B AN FRAE(E 2 (A1
Pearson A G R (PCC). 4 PCC HEAT I 0, LARA (AT 25 PR RRAIE (R 5] 9 RH O 1 3 78 5 B9 [l Y
(RPIPCCI<0.9). f5c )i, R4k w125 T e 45 2 A RRAEAEL, FIWTRRAE (A2 BAFAE S0, FEALAb pR BN -

Xoew = (X; = 1) /07y D)
N, Xoew F X, 535004 PFASs S50 0 A5 HEAL R AEAE RN R A FRAE AR w, Ao 23 3R PRASS 73 S BERRAIE
(B F-BBOR 34 )7 2%
1.5 “HEE RO R (2D-QSAR) #E Ry i

AHE T I 3:1 1Y L ADRE B 4h B s 4R 3 o0 S N 2R R Rl 4R . B, AR 4l AR e AR S5 AR i
B EE(5:1), i — 2 F U 2R 45 v A RE AR K Sl 43, DA PFASs X 28 | RISEIR AN FE IS 00 o — 2otk w1k
(B DL SR A B B G B (AR M R AR i, DL 28 s 0 15 2 i i AL S ECR AL S 500 o B A8 i
K SPSS # A4 %) Z2 o [81 U9 5 725 (multiple linear regression, MLR ) #4) & PFASs F— 7K A= 2 P8k
FIE P E B4 S E Y 2D-QSAR LAY,

ARG R A O R E R AH X RBCFE R'LL I B — A8 LB UEAH OC R AL 0% oo SR PEAN A 2 24
SR80 RN 4 N H 368 1 Williams B RAE, BREAL &9 09 FIAT B S PR dEFR 22 1E B AH TR A K
TEILFR S2, JFH ] Python 4 {455 2K
1.6 7 F X

MBS T 6 28T B8 W R 45 & 25 11 (LFABP) | KB £ AL 6 i3 ( AChE ) DL S e 25 i 2440l



14 7N 54 1t 2 44 3%

#4111 (Y DI & 1 (PDB: 1FC6) 1 Ry 32 A4 & (1 BB R AL R 5 31 342K [ Uniprot(https://www.uniprot.
org/) #1 RCSB PDB (https://www.rcsb.org/) 3. t T-7E (2 i b ikt = A OC ) LFABP, A58 % H [
U5 HE AL 09 J7 s, LA IR 5 2 45 & 28 11 (PDB: 3STK) S B A 25 (1, 38 & 7 SWISS-MODEL ¥ 5T
( https://swissmodel.expasy.org/) I #ii A 3STK & [ ) FASTA J3 5l & 3. T a1 3% LFABP £ A4, 3 F H
SAVES fIR 55 %5 (https:/saves.mbi.ucla.edu/) | [¥) PROCHECK F6 il X 45 5 47 1 o & Al , 45 S 2 W15
) (A5 By B G BB S1) . AR AFFEEE B PFOS 43 14 24 PFASs IiC 1A 19 A 3%, PFOS 43 7 # B %
Gaussian 09 #47F B3LYP/6-31G* KV T #4704k, Frd 8970+ XF B 58 34 7E Autodock Vina 3x {4 i
7. {8 FH MGLTools 11 X it A 85 11 532 A AT AR 47 T4k B, A48 2 B 32 A b i 7K o F R R 22 4%
(A BC AR IR S X6 LA 7 S0 R e fp b B, TR] RSP X JC (AR A 7 R Amr 3P 3 i e LT A . e 14 A
HE /1N (40x40x40) FTr 0o A5 B DA 25 32 A5 4 X 207 0. e, A B4 0 Y Docking A5 43 51 %6
PFOS #5555 #8295 | K70 308 20 11 3 25 1) 32 R BE 7Y A7 43 F X R 0F 9% . 4 X 32 45 2R R A Discovery
studio visualizer #FH#EAT AT MLALFAR 5.4 H 5347
17 5y J17a A

A SR 731 X445 B 0 8 HUB-TCAR 2 G R E T 5330 1 2% (MD) BB AL 8 (1 i -lc iR 2
BYPICE T — ARG rh, & T FEE R E Y 0.8 nm, il i GROMACS K # solvate fir 4> 15
FEAKA T B, R Na'al CIEg 2408 43 7K 43, LA IR 22 0 A m fr . ASE40L5d 2 v, SR TR B0 1
TS AT B T LRGN . BT A AR E (8 F GROMOS96 54a7 J135 2%, Horb, Koy THERIE T T
SPC A5, KL A& M HLAE F i i3 Particle Mesh Ewald(PME ) J7 A0 B, J2 48 RN f A8 AH B4R F A AT
AR UE Jg 1.0 nm. BEDLE) SR B R 5000000 A, B R A K 2 s B AN R S B A R E R
(NPT) RS T 47, R HKFAE 298.15 K, IR JJ4EHFFE 1 bar. 55, 38 1 356 HU— Be ik 217 8 A AL 0
35, F1] F Molecular Mechanics-Poisson Boltzmann Surface Area( MM-PBSA) 7 5B E M -EAE 54
FEH25 G A mRE. LR BIIAITTHE 4 i GROMACS #F 58 il BAR TR A AT .

4546 A HBEE R:

AGing = Geomptex — Griee-protein — Giiee-tigand (10
MR SCAEE IO rDR 21/ A RES 4
G = Egs — TSgs = Govation ap
HA A R B i 8 RT3 i g AR P o3 A AR AR M

Giotvation = Gpotar + Gronpolar (12

7E MM-PBSA J7 3+, UM Al Rt R (9 SR8 MM J7 i 90
Es = Exivt = Evona + Eangte + Edinedral + Evaw + E'coutomb (13
S gas = Swm QL)

H Eponas Eangte M Exinearar 73 31X 137 -5, 8 A1 A0 100 A1 AU AH AR, Eyg A Eoutomn 23 IR TN AEAE
A i FAH B .

MD R 5E 3 A AL 55— 443 M T 76 K VA Y A B R L R A5 T (298,15 K, 1 bar),
PFOS 5 3 MR[EIE FR AL W FEEREAR Z AR 45 G B 11 BE (AEpinging) » EARIZLTTAl PFOS X 7K A= i 14
B, HBF X — A 25 SRR Ry i e WF S A v 5 T e Fr o R R MDD BRI S B, dR A AL
5 Y R P 0 S TR, MEAR T RS [RIRBE 4541 X% PFOS ZK AR B M52 i, AR ARG PFASs Xf
IKA A R FEPERL . AR TR RIS X PFASS 7K A A= W35 Pk B 5% i 1), AR 343 B HE /K & s
T 20%(V/V) B B AIE O e A R W 5 3R RN AR AR 1 5 7], AR 52 95 70U AR 14 X PROSS K A B4 A 52 i)
FEAS APL IR B2 X PFASs 7K A= 5 14 1) 52 ) B, AR SCl o 20 48 MD A Hp 9 T S50 o0 Bl i T i il
(313.15 K) FMIKIR (273.15 K) B FREREE 25 0F, 1158 PROS 5 3 28K A= AR Wik ) de AR 2 AR I 254 A th
Ak, APPSR 6L EE X PFOS /K AE BRI 52 . ZEHR 5T AN ) B8 75 B X PFASs 7K A= A= W 8 1 i s i e
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ARSI 1 P TR R NaCl Ik EE (0.1, 0.6, 1 mol-L™"), BFFEAS ) 35 5 B 4544 PFOS X 7K A= A=
LR ES-ATR

2 5B 5308 (Results and discussion)

2.1 PFASs KABA ST B LA TR %

2B T 122 B PFASs Xf #1208 | KR 8 28 R 8 2IS 1) 2k B M (B (Fish LCsg. Daphnia magna
LCsq 1 Green algae ECsy) , M HAE KA Y8k b B IEA B PE. 20 A 45 2R o, %t T [A]—2& PFASs 4+,
i 5 e B T BN, o 3 T A AR A v ) A 25 B E  2004 ARA0UA5 1) 0T AL 440 I 18 T DA
S (HI/T154—2004) i) A= A5 85 BRAF G TR - AR E, TKS PFASs X =28 P R 2ok 2 K4l 43
4 2%, B (R ES<] mol L") . mi M (2R E(E>1—10 mol-L ™) | "hERIE (St dtE
H>10—100 mol-L™") FIIKTF 1 (2 PE FF M >100 mol-L ") . PP Al 45 3 B ow, HH#% T % 4% PFASs 2 1
(C<6, PFSAs; C<7, PFCAs), K% PFASs b5 %1 (C>6, PFSAs; C>7, PFCAs)" X 1 | KIEEM IR
IR W 5 B RN B BN . A, 4 K 5% PFASs fh& Wik 3 250 i 25 M08 @ T h 2 AR
BEPE. SR, X T 45 E (4 PFASs (L A9, W4 wle Smiib . UM R Y ie sy . W 5679 06 R S00H SR 4 Al
SRR E SR, ML T K 4% PFASs, HEBE PFASs (LA W xt #1262 th SR 80 o bl v A 7 7
PRGN

F 2 PFASs XS REGRIOMBEI R — Kb SR E M S YR A 5

Table 2 Individual aquatic acute toxicity values and combined food chain toxicity values of PFASs to fish, daphnia magna

and algae
o) ey ﬁi?@ﬂéﬁlﬂiﬂ?ﬁ/ kﬂ%&%*%ﬁ?ﬁﬁ{*/ fi%*iﬁ)\_‘iﬁ%fﬁ/ KA %’fﬁﬁi’a\%‘f%
No. Compounds 1(: rirslgl-LLC ) . : rr}llol.-LL)C A(lmol-I]::C) Aquag%c t;(i)od c.h.aln
50 iphnia 50 gae 50 combined toxicity

I PFBA 1322.594 760.58 597.144 0.12742903

2 PFPeA 408.974 250.178 253.58 0.042259562

3 PFHxA 121.927 79.399 103.822 0.0139303

4 PFHpA 35.429 24.523 41.429 0.004648256

5 PFOA 10.1 7.437 16.22 0.001587975

6 PFNA 2.837 2.222 6.258 0.000556553

7 PFDA 0.788 0.656 2.386 0.000199232

8 PFUnDA 0.217 0.192 0.901 7.23364x107°
9 PFDoDA 0.059 0.056 0.338 2.64914x10°°
10" PFTrDA 0.016 0.016 0.126 9.72447x10°°
11 PFTeDA 0.004 0.005 0.047 3.58793x10°°
12 PFPeDA 0.00116 0.00131 0.017 1.2783x10°
13" PFHxXxDA 0.000309 0.000374 0.006 4.36927x1077
14 PFHpDA 0.0000823 0.000106 0.002 1.31916x107
15" PFODA 0.000028 0.0000298 0.000837 4.33115x10°*
16 PFBS 3597.024 2008.247 1395.165 0.337737871
17 PFPeS 1051.869 624.692 560.288 0.10471243
18" PFHxS 301.319 190.354 220.417 0.03265096

19 PFHpS 84.968 57.098 85.357 0.010376131
20" PFOS 23.664 16.916 32.647 0.003393291
21° PFNS 6.525 4.961 12.362 0.001145789

22 PFDS 1.784 1.443 4.642 0.000398089
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) e ﬁ%‘iﬂéﬁﬁg‘mﬁ/ j@i‘!‘f‘%%’éﬂfﬁgﬂi‘mﬁ/ fi@‘é#ﬁiﬁ@lmﬁ/ 7J<$ﬁ%%ﬁ§é%%f@
No. Compounds rﬁol-L ) (mo]:L ) (mol'L™) ACIuat%c food cﬁam
Fish LCs Daphnia LCs, Algae ECs, combined toxicity

23 PFUnDS 0.484 0.417 1.731 0.000141267
24" PFDoDS 0.131 0.12 0.642 5.08332x107°
25" C6-PFPA 366.583 229.563 256.359 0.039171476
26 C8-PFPA 28.791 20.401 37.972 0.004024898
27" C10-PFPA 2.171 1.74 5.399 0.000467241
28" C6/C6-PFPIA 0.02 0.018 0.09 7.15676x10°°
29 C8/C8-PFPIA 0.000102 0.000118 0.00162 1.03361x1077
30 C6/C8-PFPIA 0.00145 0.00147 0.012 9.06543x1077
31 PFHxI 0.193 0.154 0.462 4.03143x10°°
32 PFOI 0.015 0.013 0.067 5.31624x10°°
33" 4:2FTI 0.339 0.261 0.683 6.2197x107°
34" 6:2FTI 0.027 0.023 0.103 8.31275x10°°
357 8:2FTI 0.002 0.002 0.015 1.14215%x10°°
36 4:2FTO 1.418 1.005 1.87 0.00019833

37 6:2FTO 0.125 0.1 0.312 2.69591x107°
38 8:2FTO 0.01 0.009 0.048 3.78582x10°°
39 4:2FTOH 23.74 14.879 16.675 0.00254361
40 6:2FTOH 2.056 1.458 2.724 0.000288289
41" 8:2FTOH 0.165 0.132 0.411 3.55359x107°
42 10:2FTOH 0.013 0.011 0.059 4.66705x107°
43 4:2FTAC 1.093 1.034 0.224 0.000124835
44 6:2FTAC 0.663 0.409 0.122 6.1955x10°°
45 8:2 FTAC 0.379 0.153 0.063 3.14627x107°
46 10:2FTAC 0.209 0.055 0.031 1.62978%10°°
47 4:2FTMAC 0.466 0.423 0.086 5.19111x107°
48" 6:2FTMAC 0.068 0.066 0.049 8.64116x10°°
49 8:2FTMAC 0.009 0.01 0.026 2.25318x10°°
50 10:2FTMAC 0.00127 0.00139 0.014 1.05391x10°°
51 4:2monoPAP 36.607 22.772 24.739 0.00387751

52 6:2monoPAP 2.969 2.09 3.784 0.000407584
53" 8:2monoPAP 0.229 0.182 0.549 4.78688%107°
54 10:2monoPAP 0.017 0.015 0.077 6.11026x10°°
55" 4:2diPAP 0.026 0.023 0.106 8.50995%10°°
56 4:2/6:2diPAP 0.00194 0.00194 0.015 1.14074x10°°
57 6:2diPAP 0.00014 0.000158 0.002 1.32543x107
58 6:2/8:2diPAP 0.0000099 0.0000126 0.000267 0

59 4:2FTAL 4.248 4.072 7.871 0.000768957
60" 6:2FTAL 1.169 0.575 1.505 0.000152117
61" 8:2FTAL 0.297 0.075 0.266 3.04663x107°
62" 10:2FTAL 0.072 0.009 0.045 6.33202x10°°
63" 4:2FTUAL 0.303 36.904 25.243 0.003862241
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5%
) e EZ‘S(*EWE‘?ZEJE/ ﬁﬂiﬁ-ﬁ%ﬂ@%ﬁmﬁ/ ?ﬁ%*?ﬁlﬂiﬁj&)ﬁ/ 7J<$ﬁ”%!fﬁﬂ§éé%ﬁ
No. Compounds r.nol-L ) (mol.-L ) (mol-.L™") Al]uat%c food (?h.aln
Fish LCs, Daphnia LCs, Algae ECs, combined toxicity
64 6:2FTUAL 0.318 422 4.628 0.000521024
65 8:2FTUAL 0.305 0.441 0.776 7.46967x107°
66 10:2FTUAL 0.278 0.044 0.123 2.27772x107°
67 PFPeAL 7.268 8.899 15.393 0.001517982
68’ PFHpAL 2.032 1.277 2.989 0.000295289
69" PFNAL 0.521 0.168 0.533 5.77057x107°
70° 6:2 FTCA 13.326 9.652 19.669 0.001988517
71 8:2FTCA 1.059 0.868 2.947 0.000249589
72 10:2FTCA 0.08 0.075 0.422 3.3251x10°°
73" 6:2FTUCA 25.416 17.842 31.951 0.003462117
74 8:2FTUCA 2.043 1.623 4.844 0.000423579
75 10:2FTUCA 0.156 0.141 0.699 5.57513x10°
76 4:2FTSA 10988.335 5859.815 3367.618 1
77 6:2FTSA 900.811 543.667 520.667 0.091369865
78 8:2FTSA 69.818 47.67 76.108 0.008848871
79 10:2FTSA 5.217 4.031 10.726 0.000971326
80 PBSF 0.544 0.42 0.8 8.2096x10°°
81" PHxSF 0.161 0.048 0.128 1.58933x10°°
82 POSF 0.045 0.005 0.019 3.62262x10°°
83 FBSA 14.007 9.183 0.562 0.001325519
84° FHxSA 2.064 0.73 0.11 0.000165587
85" FOSA 0.285 0.054 0.02 2.15315%x107°
86" MeFBSA 6.809 3.601 0.302 0.000597995
87 MeFOSA 0.136 0.021 0.011 1.01913x10°°
88 EtFBSA 3.624 2.494 4.114 0.000468759
89 EtFOSA 0.062 0.008 0.005 4.61988x10°°
90 FBSE 37.082 30.717 1.332 0.003902539
91 FHxSE 5.288 2.364 0.254 0.000444101
92" FOSE 0.716 0.173 0.046 5.49514x107°
93" FBSAA 265.131 197.722 10.007 0.026488379
94 FHxSAA 37.475 15.085 1.888 0.003076566
957 FOSAA 5.043 1.096 0.339 0.00038407
96 MeFBSE 27.26 20.487 1.025 0.002735816
97 MeFHXSE 3.853 1.563 0.193 0.000316828
98’ MeFOSE 0.519 0.114 0.035 3.95546x107°
99" EtFBSE 12.62 7.564 0.528 0.001154656
100 EtFHxSE 1.769 0.572 0.099 0.000140048
101 EtFOSE 0.237 0.041 0.018 1.78344x107°
102° MeFBSAA 194.609 131.673 7.687 0.018642529
103" MeFHXSAA 27.279 9.963 1.438 0.002199973

104 MeFOSAA 3.652 0.72 0.257 0.000276526
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No. Compounds (rﬁol-L ) (mo]:L ) (mol'L™) ACIuat%c food cﬁam
Fish LCs Daphnia LCs, Algae ECs, combined toxicity

105° EtFBSAA 89.968 48.546 3.951 0.007948404

106 EtFHXSAA 12.514 3.645 0.734 0.000977823

107 EtFOSAA 1.667 0.262 0.13 0.000124996

108 HFPO-DA 161.736 104.154 130.56 0.018119105

109 HFPO-TA 2.615 2.061 5.966 0.000526278

110 HFPO-TeA 0.038 0.036 0.242 1.88449%10°°

111 PFMOAA 6135.377 3269.282 1872.76 0.558082147
112" PFO2HxA 554.883 333.786 315.653 0.056110932

113 PFO30A 46.572 31.626 49.374 0.005828572
114 PFO4DA 3.734 2.862 7.377 0.000675493

115 PFO5DoA 0.29 0.251 1.069 8.69157x107°
116 PF40PeA 1063.263 619.43 513.099 0.103739999

117 PF50HxA 324.452 201.064 215.02 0.034141975

118 EEA 40.674 27917 45.548 0.005223694
119° ADONA 122.081 80.095 108.438 0.014169139

120 6:2C1-PFESA 5.336 4.088 10.508 0.000963037

121 8:2CI-PFESA 0.398 0.354 1.479 0.000120362
122 OBS 13.027 9.756 13.682 0.001667386

1+ HYIZR4E. Note: * is training set.

2.2 PFASs 24§t KoK A4 2P 2D-QSAR A1 #4 2
2.2.1 Pearson F KM H

EEXT 18 03 FHERTF S EL, A SR Pearson AH IR 40 B S BR T A &M 4850 (1) S 80 (|PCCI>0.9).
WL 1A MR S, PRASs 20 T 19 1gK . 1 1gK ., 12Ky, F1 MW LI TE 1 MW Z [8] (/] [PCC[#4) K T
0.9, JCRTHIRIFIE 45 B E W 1K, A1 TE M50 PFASs 7K A= #5149 15 2 P 2509, P, 78 A BIFSE rh 5 2
B 1gK,. Al MW, 3E 4 T 1) 1gK,,« 1gPL. 1gBCF. IgWat Sol. TE. Enomo~ Erumos 4+ 4 « #+ Oxxr Oy
Oyn Oxys Oy, Al Oy, ZHGHATRHAEAE S5 1L 43 HT.
222 FHEE S E RSB

i 32 A 20 (9) X Pearson #H G 2 K03 0 16 H G 16 A FRRAEAEUEAT R EALAL BE (5] 2), & BUAE bR vfEAL
PRI, FRIESEL Opy Ok, 1 Oy, RYELEL A B I T (3,31 W Hl, AR BT A B T 3 26 53 4 S50 B
ZLERME 3 FiR, A T H 13 DS 50E N A2 51T QSAR HEAR.
2.2.3 PFASs /K 2P 2D-QSAR #5744y £ K AL EL 43 #r

it — 2 AGE PFASs XK AR A ) i B PR AR AL, A5 LA Pearson AH &AM 43 B FAEAEARL 5 8 P
Mk ) 13 4~ PFASs BALSHA AL S0 A A8 i, L PFASs X028 | RABIRRIS PP s — 2tk
FEERE A FEVEAE R A5 5, f5 B SPSS #1f:th MLR J7 ¥4 1 PFASs B — K 24 A PEdEPEFK A 24
HERRA B PE 2D-QSAR AL, ELARHEAM AT

0125 (n=65 R=0.725>R'=0.396 P=0 0’| 50=0.566):

y =255.134 — 78.1411gK,,, — 21.3581gPL — 137.6161gBCF — 33.3531gWat sol + 0.109TE — 3038.383 Exomo+
707.769E o0 + 162.8764" +185.419¢™ —41.5150 +3.7820,, + 1.5090,, - 0.3350,, (15)

KIIIES (n=65 R=0.743>R'=0.396 P=0 0’ ,0=0.596):
y =163.020 — 46.5491gK.,, — 15.1481gPL — 82.1271gBCF — 19.0221gWat sol + 0.066TE — 1824.891 Eyopo+
397.305E o +90.868q" + 132.815¢ —23.51 1 +2.2650,, + 1.1770Q,, — 0.2280,, (16)
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TE

MW
MW | 10" | 1gK 1.00
1gK,, | | 1o |lgPL 0.80
1gPL |Gy 028 | 10" | 15K,
1gK e // -0.30 /0/ 1gBCF 0.60
1gBCF | 0.15 | 021 |-0.041| 0.12 /kﬂ/ IgWat Sol
1gWat Sol | g Mg | 019 Wg Wy 10| TE - 0.40
N\’\ Rt ’)/“/ Luomo

] -0.20
0.035| 0.013 |-0.021| 0.15 | -0.12 | 0.18 /vo/ FLumo

Fromo | 006

7 o +
ELUMO F0.0018 -0.15 -0.064|-0.095| 0.21 |-0.069|-0.019 /{( q

—
gt | 0.097 | -0.19 ‘-0.081 0.026 | 0.25 | -0.25 | -0.27 ' paKs

g |025|0.025 0.12 | 0.021 |-0.072| 0.36 | 0.17 \\ o i 020

1| =010 [-0.16 | -0.20 | -0.19 | 0.035 | 0.22 | 0.072 | 0.41"| 0.34 | 0.26 | -0.23 /ﬂ @)

=XX
|0, L —0.40

O, |0-0070|-0.062|0.0058|-0.021 |0.0052| -0.039 | 0.024| 0.23 |-0.015 | -0.050 -4.zn4‘ \ }o/ 0,
‘ \ 0.22 / Oy -0.60

O 0.036 | 0.100 |-0.072|-0.012| 0.014 | 0.051 |-0.032| 0.20 | 0.10 | 0.025 |-0.018

2xx

sz -0.070{-0.098 | 0.12 | 0.047 |-0.030 -0.042| 0.085 |-0.065| -0.16 | 0.017 | 0.032

0O, 0090 [0.029 | -0.13 | 0.029 [0.0091/-0.032|-0.093| -0.10 | -0.16 |-0.069 |-0.051 | -0.18 | -0.25 | 032 | 0.042 /4{ 0.,
. z —0.80
O, | 011 | 0.15 |0.0056| 0.16 | 020 | 0.22 | 0.10 |0.058| 0.044 | 0.023 |-0.024| 0.013 | 0.046 |-0.037|-0.035 | 0.091 /yo/ 0y,
.17 | (0. | 22 | 2038, | -0.074 .17 | -0.24 |-0.072| 0.082 |-0.011| 0.16 | 0. Y 4
0,, 037|034 | 047 | 937 |-0.038| 022 %038 | -0.074| 020 | 017 024 [-0.072|-0.082|-0.011 | 0.16 | 0.039 | 0.080 1.00

1 PFASs 70 TR AT ] i) B2 IR b AH G 22 4L

Fig.1 Pearson correlation coefficients among molecular descriptors of PFASs
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Fig.2 Standardized characteristic values of 16 feature parameters of PFASs
#25(n=65 R=0.755>R'=0.396 P=0 0’ ,x=0.613):
y =134.930-47.2721gK,,, — 10.4361gPL — 67.0191gBCF — 17.9321gWat sol + 0.041TE — 1723.722 Eyopmo0+
487.599E  ymo + 53.663¢" + 140.690¢™ —29.449u + 1.9720,, +0.9590,, — 0.0520,, an

KA WS B (n=65 R=0.740>R'=0.396 P=0 0% n=0.589):
y =0.026 — 0.0081gK,,, — 0.0021gPL — 0.0141gBCF — 0.0031gWat sol + 1.059 x 10~ °TE — 0.308 Eyomo+
0.071Ey yyo +0.015¢" +0.022™ — 0.004u +3.756 X 10 0, + 1.737x 1074 Q,, ~2.796 X 107° Q,, (18)

FHREH, S n ARFREAKLG RACFANE R B R FAN R B PACE B K. R
KRB R KT R B EVEKESEL P<0.05, W (15), (16) . (17)F1(18) [m] ISR Y 247356 e AH Mk R 5L
b E PRI EEOR B — 28 UKL A R B 0% oo IR T 0.5, BaHARIAY HAT — @ (A g A i 14
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Fig.3 Pearson correlation analysis and characteristic values anomaly analysis screening results

53 BT 2D-QSAR H 15 Y S 40 & I, PFASs 7 T 1 1gK,, . 1gPL. 1gBCF. IgWat sol. Eyomo. 4o
O F1 O, ZHH B M T, RIARTIE S H0 S PFASs X 3 K8 F2 90K A A=W Y s — e ANER & 75
PR A OC R, BIFRHIE S BUE B FH 5, PFASs BI7K AR 2otk B St IR i ke 3. 1gK,, 55 PFASs [ 5
TRPEAR DG, B 1gK oy 19 PFSAs 43 7E K A= A WK N 5 4 1) K 53+ T 25 5 JE i /K AH BLAE T, FEAEK
HP ) B T R i I S0 41, 1gBCF REfE R 1E PFASs 4> 7B Wi iy RALE SE YRR, Fi %5 1gBCF {4
340, PFASs 45 Gy e A iR N BB E 45, Ui 3R 3040 3 i A AR W s pE 2~ 90 53 4, LRl vp
Evumo Z 8 280 IEAE, iS85 PFASs MK AT 2 IEMH KRR, B A MR £ Egomo Ml
Erumo S Y B HL B SR OC, HAT 3 i RAEAL 5 1) 09 SR A% RN 25 B MRS, 1560 PFASs /K A= 2P 55
PEIKF-5 PFASs 43 F IS K FRE I M OC. ELumo 5 Enomo W HERE Z 22, B Energy gap, Al 55r £ ARk
G5 1R E I, AR Energy gap (B 1AL WTE S0 i S M Y, Bl B R AR B K AR A )
BETERUER SR, I, PFASs 43 F 1 Eqomo THAEE K . Epgvo THA/IN, HATJ i 78 Sy dkak, XK 4490
SRR AT WURR L e Ah, B R I R RN B AT R Y Enowmos 1T HRE FL R 2 AT BRI
Ep umo™, T BB B Enomo MM ELumo BY PEASs 73T HoK Az 2k B P esm, R b A S A% 3R 700 Fn A
ZEHLIRAGR Y PFASs 71— w7 B v () ik

2L KB TE. ¢ Fl g W R0 TEAH, ULHTRTIA 2405 PFASs 15— /KA A Y PEFIER &
TS E A 6 56 &, BRI BE 4 AE 2 8004 09 B AIK, PFASs i 2tk B 1k S P sl i 3. g ] LU T R AE
PFASs 7+ 5 8 MEAE T AR SZ AR 0 /R AR BAE IR 7, HA BAIK ¢ 19 PFASs 40 F 45 5 5 2 L TR 5%
FLZ MY A 5 RS AR EAE ], AT PFASs 263 T g (14 £ s 1o,

Wt AR 3 AL, AR (15) L (16) . (17) F(18) h HAT 3 KARHEAL REL SO 1gK o,
1gBCF Fl1 IgWat sol. X 2B 1gK,,,. 1gBCF #l 1gWat sol 755 Y i (it BTk 40 75, 53 T PFASs (i /K 1
FAE W) R X LK AR A 0 3 P 1 DG B g 1),

AR 5, PFASs 70 T3 KA A W) i A 551 5 PFASs 19432 B T-RE /7 . e AH BEAEFHRE /7 .
TRVERIAE Y BARRPE R UIAH G, B PFASs 155 LT 7 . S A EAE R 0« Bk A AR 4 AR i 3
548, PFASs XJ 7K 2B A= 9y ] GE B4 T s A /K 28 2R R, i AR HE X K A B R G AN R B R ED)
FEA R —E A AR M B N O TE.
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F3 I KRR BN B — 2OV R DU SOKAE RIS B 1Y QSAR BERIBRIEIL R AL
Table 3 Standardized coefficients of QSAR models for the individual acute toxicity of fish, daphnia and algae, as well as
aquatic food chain combined toxicity

FHEA TR 2k peiibes Wk IKAE BB SR
Feature variables Fish Daphnia Algae Aquatic food chain combined toxicity

12K oy —0.584245364 —0.591648753 —0.701479091 —0.603424299
1gPL —0.153478559 —0.18504573 —0.14883392 —0.171576358
1gBCF —0.524719841 —0.5323229 —0.507168069 —0.526420694
IgWat Sol —0.391168029 —0.37924601 —0.417406398 —0.388324539
TE 0.317239648 0.323919821 0.236401964 0.313555898
Enomo —0.255726667 —0.261098137 —0.287936617 —0.264246316
Erumo 0.066690069 0.063639559 0.091186159 0.068216999
q 0.103737349 0.098383152 0.067834161 0.096068008
q 0.064321738 0.078322294 0.096864397 0.076153396
u —0.171026928 —0.164649624 —0.240782344 —0.176352986
Oxx 0.154663097 0.157488045 0.160061432 0.156326377
0, 0.035040558 0.046469764 0.044190877 0.041043656
Oyy —0.014712591 —0.017018383 0.00455692 —0.012503005

224 W HBRAE

KA B W EE R A FE 1 QSAR FARIAEME A AL A 3 Fh B — K A AR e QSAR AR fit b7 JF1 45K,
I, AHE 5838 1 Williams B (& 4) 5SS (18) (1938 FHYE B UEAT T R AEFN 20 B, HEARBERL(15) L (16)
FCL7) AR PR AE WKL S2. 14 4 JIR T A ifefb ik 25 (B AT AT R OC R, E AL AT (A7) 2 0.431. 7
AR (14 07 FF 38 PN, A A5 40 0 0 o e e v 5 i T R SR AR B A A, DU A e R A D S i
PEEO FEYIN A FIMNR S, A 3 Fh PFASs(£3% PFBA . PFPeDA Hl 4:2FTSA) B iA & B i, Hobr o
feaR 22 (BT 3, FTAFE/NT 27, AL G 330 F 00 FH IR . 3 26 8 B 5 34k S 4 PFASs, H B (E
PARAL . ARFRES 2.1 35 I3 2 940 T, X B 5% PFASs 28 90 RT3 M 0 RRIE, B 3 m i A PEER R (A
SEHT BB FTHE 1, A MG Y% 7K A A 0 04 e A M (% VA TEA 77— 2 PR AR, X T B R 3
JIT ST (1) QSAR B A 33 L6 A, B A S0 v 2 B Sk 2 AN s P 1 i A
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Fig.4 Williams plot of QSAR model for aquatic food chain combined toxicity

2.3 A FXHEENFIT PFASs 5K A A W2 R i s AR R ML

N T IRAMTIE PEASs X 7K A= A= W ) B PR AE FHBILA], A BE SR 23 1 XHEE AR 704 1T PEASs 701
5 e RIENER RN TR PRS2 R Z M AR BAE IR, #6975 T PFOS 5 BT MERLARAH B
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VB S i S L R AR L. il 2 &1 5 FNIE] 6 Y45 SR B, AR SC & B PFOS 5 fa {& LFABP 5z /& A H./E
I, S AR RE B AR T S 0 3% ARG125, THR105, ASN114, PHE9S #il LEU74 5% 5, 3 B ¥ da A 1.
YEH . SBEAH EAER] . pa R A KA TR . 7650 B PFOS 5 K& AN AChE SZ AR (9 AH B AE FH I,
ALK B PFOS 5 AChE sZ /&) LEU461, PHES04, ASP247, TYRS507 Fll TRP259 5% 3 2 [A]JE A% T Skt
AHEAE T o 28 B KA EAE . X PFOS 5 iR N 1FC6 2 H 3Z R A BLAE 43 B, A8 SCk R
PFOS 5 GLN220, LYS397, TYR213 &5 5% 3L ¥ it T A 8 A0 B 4E H, 5 LEU165. GLU166. ILE167 I
GLN401 WAL T pd Z8EM, 5 LEU212 H1 PHE140 JE K T Bi KA BAEH. teob, 3 2532k rh ik fE7E T
Z MR FL S PFOS Z MIJE LS 84 1A BAE . 45k, PFOS S | RANER M EERIA N
B PE AR 22 AR 00 A0 BAE FH R 2V KA oy | AR R R m K AH BAE A (AR R R A,
PFOS 5t {A [y LFABP Z R 45 & i B vy, LS 214058 1) i v AH BLVE FH g, JE T B2 R T A0 1R N IF R
U R 2 A AR R AR L 1) L Ar R MR T B8 255 R UTad, PROS 5 3 Rk A A= W A P SE AR 32 1A B 119 g
AT AR ¥ 32 B AR 7 0 8 25 R0, HOE PFOS X /K A AR W 7 A d VR B — A S S i (N R 7
PFOS X} f{& P LFABP A2 4™ A= AN [ s i ixh A% b, v AH BV FH A AT S22 VR .
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Bl 5 PFOS RCIR5AIRIK AL A Wy 32 P 9 537 X H At 7l
(a) 128 LFABP 3Z{k, (b) KMiE2 AChE 3Z{k, () #2 1FC6 5Z{k.
TE: REFRIKR(C), ABFRREA ), LAFRRA(0), HARRAN), FOFRH(F)MEEFRE(S)
Fig.5 The molecular docking configurations of the PFOS ligand with different aquatic receptors
(a) the fish LFABP receptor, (b) the daphnia AChE receptor and (c) the algae 1FC6 receptor

Note: gray represents carbon (C), white represents hydrogen (H), red represents oxygen (O), blue represents nitrogen (N), cyan represents

fluorine (F)and yellow represents sulfur (S)

VS4Bl [ M EEl M e [ WM ERER [ BUKMEERER

Van der waals Attractive charge Hydrogen bond Halogen(Fluorine) (Pi-)Alkyl
M @ (©)
SER MET
4 LEU
a7 AR A77 PIE a1s) A €9
LEU A:105  ASN A98 Aler GLN
A2 (ARG E Acll4 TIIR GLU A401
A5 A1) T A6 (SBRL ai6

THR GLY

TYR
A297 L S

o b A213

GLY LEU PHE
A293 A212  A:140

:460 ;25|
A9 PHE L YR
A463 A:169

B 6 PFOS BCIA 5355 AN R 7K A AR W 52 AR 18 53 X e — 4~ T g 2
(1) 482 LFABP 4%, (2) KHESE AChE Z{AH1(3) #3¢ 1FCe Z 1k
T KOFTRER(C), LLAFIRE(0), FOFRI(F) M AR5 (S)
Fig.6 The two-dimensional molecular docking configurations of the PFOS ligand with different aquatic receptors
(1) the fish LFABP receptor, (2) the daphnia AChE receptor and (3) the algae 1FC6 receptor
Note: gray represents carbon (C), red represents oxygen (O), cyan represents fluorine (F) and yellow represents sulfur (S)
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Fig.7 The configuration of the algae 1FC6 receptor and the PFOS ligand at the active site in 0.1 mol-L™' NaCl solution
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Fig.8 The root mean square deviation (RMSD) of the PFOS ligand with the fish LFABP receptor, the daphnia AChE

receptor and the algae 1FC6 receptor, respectively

R4 HIEE BT PROS BLA M 3 R ALY Z R I MM-PBSA (71454
Table4 The MM-PBSA calculation results of PFOS ligand binding to three classes of aquatic organism receptors under
normal temperature and pressure simulation conditions

o JEEAEA BRI/ P A B/ WA AR/ 2hE4 H i fg/
CE = i (kJ-mol™) (kJ-mol™) (kJ'mol™) (kJ-mol™)
omplex
i Evgw E¢e Epol Ebindin
1125-PFOSE &Y —-164.172 + 8.069 —135.446 + 15.984 191.516 + 13.703 —-126.502 + 11.607
KIi%E-PFOSEAY) ~170.929 +9.341 36.950 + 17.532 49.673 + 18.927 -101.015 = 12.336

Pt}
#25-PFOSE &Y —124.864 + 9.444 83.837 + 19.968 15.242 +19.260 —-39.925 + 14.539




24 7N 54 1t 2 44 3%

A FE 8 1 43 BN 20% (V7 V) RN 20%(V/V) 1E 2 %e i 7, BRF T 1 SRR X PROS /K A4
Wtk Ry . 25 R (PEULER 5), 16 20% H AW A F T, PFOS S5 fa2s | /KRS MBI 2 Ak i 25
A A HBES SN (—136.857 + 11.898) . (—125.582 +20.041) . (—93.726 +21.961) kJ-mol ™. 5%} FRZHAH L.,
W ) 5548 PFOS 5K A AE W32 AR I 256 I FR RESG K, SRR 1G58 . 171 7E 20% 1F CLLE iRl A%
5, PFOS 5025 | ZKIESE B Z IR S5 G H H G853 510 (—62.248+10.870) . (—55.550 + 19.154) |
(—0.890 + 14.106) kJ-mol ™', FBHTEAEM P 77 248 F PFOS S5k A A=W 254 A M RE I/, HBE MU
55, BLA, 1gKo 1R —FE R ML ER PR, 76 QSAR #E#Y J3 A vh 5 PFASs # 1 B E A6, X — 45 R 5
MD AR 25 S —F 1,

£S5 FASZRE AW ITE 20% FIEER 20% A i rh 153 F 3h F1 BT 45 1

Table 5 Molecular dynamics simulation results of ligand-receptor complexes in 20% methanol and 20% hexane solutions,

respectively
oy - ﬁi@%*ﬁilﬁ’ﬁm/ J@f@ﬁ%*ﬁjﬁ_f’ﬁm/ *&‘E?ﬁﬁﬂ4&$ﬁﬁ?ﬁm/ “4EH EEﬁE/
Complex Solvent (kJ-mol™) (kJmol™) (kJ-mol™) (kJ-mol™")
Eygw Ege Epol Ebinding
7K —164.172 + 8.069 —135.446 + 15.984 191.516 £ 13.703 —126.502 + 11.607

125-PFOSE A HEE(20%, V/V)
C4E(20%, V/V)

—149.909 + 7.746
—89.103 + 7.894

—148.720 £ 21.006
—127.594 £ 16.125

179.928 + 16.039
166.008 + 13.770

—136.857 + 11.898

—62.248 £ 10.870

7K
HEE(20%, V/V)
T 4E(20%, V/V)

KIEZE-PFOS
e

—170.929 + 9.341
—137.142 £ 15.782
—149.941 + 8.559

36.950 £ 17.532
—41.375 £ 19.707
0.742 £ 21.671

49.673 + 18.927
70.292 + 14.067
110.807 +31.454

—101.015+12.336
—125.582 +£20.041

—55.550 £ 19.154

7K
HPFOSEALY HEE(20%, V/V)
O 4E(20%, V/V)

—124.864 £ 9.444
—145.532 £ 11.957
—132.224£8915

83.837 £ 19.968
—151.733 £29.962
20.475 £19.342

15.242 £ 19.260
220.744 £21.928
126.006 + 19.335

—39.925 + 14.539
—93.726 £ 21.961
—0.890 + 14.106

MD AP TS5 7] 3 32 2% 14 X0 PFASs /K A= BEPE R 45 R R B (3K 6), 7F 278.15 K il 318.15 K it &
T, PFOS 5252 A1 45 4 A HAE /910 (—=125.803 + 10.699) kJ-mol ™ F1(—128.367 + 14.438) kJ'mol ',
ok iEE 2R E S-S A hifes i (-82.546 + 4.301) kJ-mol™ H1(—61.869 + 11.181) kI'mol™, 5
WK IR BWINISE A E HHEES 910 (—14.755 £ 19.730) kJ-mol ™ F1(—19.814 + 10.680) kJ-mol ™. 5%} i
AH L, PFOS 51028 2 AR 25 6 B8 1 ZEAS [ I BE 25 040 T T Wl 35 52 i, 1T 5 /K G 2R AN S W 32 A 7
IR S RA I R4S AR 138 B 2 TR
F 6 278.15.298.15, 318.15 K i & T ELAR-S2 K 2 & W0 5 F 3h Jy A BT 25 51

Table 6 Molecular dynamics simulation results of ligand-receptor complexes at temperatures of 278.15, 298.15, 318.15 K,

respectively
e /K WA EAEN,  RRFEAHEIEN, BRI EEN, 256 Hilby
c - | T fi o (kJ'mol™) (kJ-mol™) (kJ-mol™) (kJ-mol™)
omplex emperature
P P Evdw Eele Epol Ebinding
278.15 —147.036 £ 11.611 —194.607 + 14.386 233.357 +13.149 —125.803 £ 10.699
N = A
gi_PFOSE g 298.15 —164.172 + 8.069 —135.446 + 15.984 191.516 £ 13.703 —126.502 + 11.607
Fish-PFOS complex
318.15 —155.014 £ 15.365 —191.790 £ 20.118 235.968 +11.942 —128.367 + 14.438
278.15 —146.565 + 8.293 —8.998 + 16.647 89.816 £ 17.212 —82.546 £ 14.301
BIVRH PFOSE 2
j(i(%ﬁ PFOSE &4 298.15 —170.929 +9.341 36.950 £ 17.532 49.673 +18.927 —101.015 £ 12.336
Daphnia—PFOS complex
318.15 —152.399 +8.975 18.115 £ 30.024 88.624 +£27.073 —61.869 = 11.181
278.15 —122.821 + 13.460 90.512 £22.131 32.320 +26.749 —14.755 £ 19.730
Sk =D
HR-PFOSH 1) 298.15 —124.864 +9.444 83.837 £ 19.968 15.242 £ 19.260 —39.925 + 14.539
Algae-PFOS complex
318.15 —135.743 £ 11.553 47.583 + 28.508 84.377 £ 6.359 —19.814 + 10.680

JK B T i R RE A% 5 i K AR W A A2 BEOIR B, R, K HR B T 5 B AT RE X K AR AR W 4R
PFASs HIFETE/E I BA — @, 3 7 /b MD 845 80T A1, £ 0.1, 0.6, 1 mol' L™ (1) NaCl ¥ & T,
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PFOS 5t 25 Z K 45 & A g4 9l (—124.694 + 9.861) . (—116.360 + 16.182) . (—119.863 +
14.917)kJ-mol ™!, 54 A HAEJC B & 251k, 1M PFOS Sk ol 22 R p 25 & A i BEZr oM (31,702 +
12.868) . (2.872 + 14.113) |, (66.295 +23.973)kJ-mol™ }2(0.280 = 15.115) , (2.500 + 16.444) . (21.310 =
11.549)kImol ™, $4 IE(H. 45 REW], 75— B iR, PFOS 5 S E Y2 IR 455 58 1 L 1
FARAL, M5 AR A Y Z AR 255 e T i AR

£ 7 NaClHKE/H1HR 0.1, 0.6, 1 mol-L " W ELAAR-32 (K524 My i 3 T 3h Ty A T8 2%

Table 7 Molecular dynamics simulation results of ligand-receptor complexes at NaCl concentrations of 0.1, 0.6, 1 mol-L™,

respectively
o NaCl/ UMM AR R EAER, ARSI AR B 454 Al Rg/
c nl (mol-L-") (kJ-mol™) (kJ-mol™) (kJ-mol™) (kJ-mol™)
omplex .
P mo Evdw Eele Epo] Ebinding
0 ~164.172 + 8.069 ~135.446 + 15.984 191.516 + 13.703 ~126.502 = 11.607
03 PFOSH & 0.1 ~157.771 £9.086 ~187.942 £ 16.014 238.860 + 14.519 ~124.694 +9.861
Fish-PFOS complex 0.6 -152.825+9.780 —165.361 + 13.384 220.216 + 14.168 —-116.360 + 16.182
1 ~146.544 + 14.694 ~163.274 +27.731 207.116 + 26.236 —-119.863 + 14.917
0 —170.929 + 9.341 36.950 + 17.532 49.673 + 18.927 -101.015 + 12.336
JHEHKPFOSE AW 0.1 -142.792 +7.510 143.973 +23.438 46.414 + 19.640 31.702 + 12.868
Daphnia—PFOS complex 0.6 ~-170.729 + 7.728 116.128 +24.750 73.824 £ 24.629 2.872+14.113
1 —143.026 £ 9.699 185.967 + 34.741 39.209 +43.124 66.295 +23.973
0 —124.864 £ 9.444 83.837 + 19.968 15.242 +19.260 —-39.925 + 14.539
i PFOSHE 44 0.1 —120.556 + 8.550 83.668 + 16.481 51.460 + 13.060 0.280 £ 15.115
Algae-PFOS complex 0.6 ~126.559 + 10.802 28.340 +£22.413 83.884 +27.601 2.500 £ 16.444

1

—129.374 + 11.888

—6.653 +£21.713

173.339 +20.881

21.310+11.549

Z5 LTIk, PFOS Xt 3 KEFRPUK A Z R BA —E LG RET1, Bl —EF AR, Hagtk
RN H G 98 TR D IR R YR i I A . FERT STV R AL AL XS PFOS JK A= 35 P ) 52 0 1 5 B, Al
PR RIAL A PFRERS I 5 PFOS X (128 | KRS TR AL W) 32 AR B0 A5 A RE 1, SR WL HLZE PRI o, TR 1
WAL A PERERE AR PFOS 5 028 | JIGER AW ZAR M4 & B i B, R W TR, 15 951
A 2% A X PROS T8 7K A2 A= Wy R A A9 35 1k B AT T 2852 05 e g Il L AR A — 2 B TR R SR T,
PFOS X 0.2 4= W) 52 AR 1 45 45 i 1 T8 S 35 52 M), (ELXS /K RS e 28 A W 2 AR 0 455 1 #h BB BT IR

3 %58 (Conclusion)

TRAMIFSE PFASs B 1AL XoF 2 47 A A fit B AN A4 5 IR BT 4 42 58 56 HE 2L AT B 7EHR 5T PFASs Xf
IKAEAE DI 2R PEALE], OF45 tH DU 4538: (DA EE T PFASs /KA 2METE MY 2D-QSAR A7, 4575
HLER ST 7, PFASs 430 F 15 K B8 ) . Wi A AR FHRE ) . Bk PE RN A= 9y SRR ME 5 O K AR A
Y SRR PR B YA DG (2) 38 4 40 FXHEHRBISE T PFOS 57K A= A= W1 i d A HIDLH. FoT4s A
/N, PFASs 283 1 Ju A g 5K AR AR Y MR (1 45 &, i A /R FH7E PFOS 5 il (45 & bt
REFEEAE; (3) B 5 F 3 1 F R T AR B 5L 55 A4 % PFOS 7K AR AR W35 P A5 il & B 741
AEALN FT S PFOS 5 3 8 E SR RAEYZ IR 45 & H R BERV/D, #EIMT 520 PFOS IR MR, MR 75 741
L2514 T PFOS 5 3 8B R P AW ZIRMZS A A i BeRS A, b WA R o, i IR PR AL &5 440 )
AR FE il L IR AN — 2 B T A F N, PFOS S W2 R 45 & A i BE G B & A8 fk, (B2 {f
PFOS 5K MK E W) Z AR 256 A BRI/, BRI 3 P52 i . A 58 AT 3 194 £ B2 48 7
T PFASs X 7K A A W 00 M 5 e S AR HIAILTR], S R SR iF 5% 7 2 PFASs /K A= A g MRS AL 1 B 22 iy 7
WU
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