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Abstract

In this study, a novel ternary copolymer flocculant CS-g-PDN was successfully synthesized via hy-
drothermal free radical polymerization using chitosan (CS), N,N-dimethylacrylamide (NAM), and
methacryloxyethyltrimethylammonium chloride (DMC) as raw materials. Single-factor and orthog-
onal experiments were employed to optimize the synthesis conditions, with the optimal parameters
determined as follows: reaction temperature of 55°C, reaction time of 3.5 h, and monomer mass ra-
tio of CS:DMC:NAM = 1:2:3. The flocculant exhibited excellent removal efficiency (>98%) for anionic
dyes (Amaranth, Congo Red, Acid Orange G) and maintained stable performance within the pH
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range of 3~7. Characterization results (FT-IR, XRD, SEM, BET) confirmed the successful grafting of
DMC and NAM, with the product demonstrating a larger specific surface area and a three-dimen-
sional porous structure, which significantly enhanced its adsorption and bridging capabilities. Com-
pared with CS-g-PDA, CS-g-PDN exhibited a faster flocculation rate, achieving maximum removal ef-
ficiency within 24 hours, demonstrating promising potential for efficient and environmentally friendly
applications.
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1. 5|5

FERMECOMNEARRESMEE T EBG, BEZEM R Rk &8 R s s &M 1]. Hari
WEHIF) CS-g-PDA Xt B B 1 Gl 2Lkt i AAAE SO . BTG R i) /. B0 R B, 51 ONBAAAR NN- - F g
P& E(NAM) RT$2 T RS POK 2] 31 ETTH E&I=Y[4]. ATA/EBTELL CS NF5E, DMC FI
NAM AR, G K E B3RS 7RS4 B T LS CS-g-PDN, PUHATE (R ¥ 2 BRI RN, St
{REINE . 505 2B TR B A5 .
2. SEIR{UER R
2.1. SERERAF

A T FH 21 1 5256 245 & AR an g 1 s

Table 1. Materials
< 1. LWHRRIRAT

2 i Sl ViaEae 5 TR
N,N-Z FE R ABEZ(NAM) CsHoNO AR R R T A AR B A BR A 7
FH L TR M T A 38 = R R S B (DMIC) CoHi5CINO: AR R R T A AR B A BR A F
FEERPE(CS) (C6Hi1INO4)n AR BT T AR R A R A B
o R (NH4)28203 AR FE AR R PR A
P EAN C20H11N2Na3010S3 AR R ETEMRAENRHE R A
Bt G C16H1oN2Na207S2 AR FE AR R PR A
NIl SR AT C32H22NeNa206S2 AR iR F ARG R A F
1G] CH3COCH3 AR MR THARAR
i HCI AR I 244 A 25 R0 A PR A
Tl 7 CH3;COOH AR FlZEHECREHEHL AR AR
AEL NaOH AR I 244 22 R A BR A
T C2HsOH AR FlZREEECREEALFEERAR
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2.2. SRRR{YER
ASSEZIG FT FHBEA&AXER 4 2 PR

Table 2. Instruments and equipment
2. EULER

LI HS 44 R R EFET R
QEREYIIERY AR s B DF-101S HE DU
AR e 78-1 P E
B R YP10002 iR
F AR IR R A DHG-9036A EMERE
H TR DZF-6020 IRy PR
TR GL2004B bR
Bl TG16G UiTEeE= Re
AL - W W UV-2600 H Ak i
LTANEREAY VERTEX70 i LATE
XS ATEMX BRUKER DSADVANCE A
YRRLE 2 Zeta HLAL S HTAX Malvern Zetasizer Nano ZS90 HEE 5 /RS
AR T B ZEISS Gemini SEM 500 B E R /R %]
UBBRS A B A 19003570 FHEZE

3. CS-g-PDN 9%l

4 1.00 g FERME(CS)ET 200 mL 1% LERIEW T, TERSRYP AN EE T, I 1.00 g iR
IR, B G NAM 5 DMC SRR, THRERE TR RIVEREAE, KRR =
K, =T LA COBE - AEA(3:2, viv)R IRIRIL 7h 4lifk, 54 60°C T4 HE, 195 CS-g-PDN #
BALRY) . &R A E 1 R,

M} (NH),8,054 0 0>/

& u n

N __(NH,),8,05 ~ NN — °\/\N_/
N | | A

DMC

CON(CH)»
CS-g-PDN
) +
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Figure 1. Synthesis mechanism of CS-g-PDN
[& 1. CS-g-PDN By & RBRHIE
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4. SCER/KHEEFNEBEMR /555
4.1. SEIRIKEE

(1) HWIBAERPLIEAFCRE . B FARECEL): FREL 25 mg MOTSRLLH 1| L B2 S 1K, &
25 mg/L B TR Gk o

(2) TRICLBFNA I JoRE L BRI J3 AIACHIR N 0.25 ¢/L IIRIRAL WSRLL IR TR G
T 025 g JRHAT 1 L £BT/K). M 1 mol/L HCl 5 1 mol/L NaOH ¥ {15 % Yl A i pH &
7o

(3) TRITLBNN) pH X GRLEBRF IR0 73 5L 0.25 g MINIERZL, WIERZAERIERS G T 1LY
ZE KT, BLEIREEN 0.25 g/L BIVERA M . B 50 ml BL B 471 0.25 /L (I =FEW 9 4, 4> 5% pH
HIHE 3. 4. 5. 64 7. 8. 9. 10, 11,

(4) BRFCGLRIIEVR FE X ZLEE LB Z 052 . 22 HIFKEL 0.2 g, 0.33g. 0.5g. 1.25g. 1.5g. 2g /I
MISRAL, TiSRZLMERIERE G 20 nliE T 1 L IEE 7K, #4602 g/L. 033 g/L. 0.5g/L. 1.25g/L. 1.5
g/L. 2g /L W =FpYeRba i, A8 FC B4 0 RV VRO T TV BE A NI SR AT, SR MR MRS G VAW pH &2
6.

(5) FHIVIRESVERH LR ENERE: D HECE 0.5 g/L MRIEL., WRA MBI G WBHEIR 1:1:1 1
RILLIR S, W7 pH £ 6.

4.2. B AE

(1) JRFUBE R, LA 25 mg/L DiSELLIR T 23 bR TR bR, o A [ S R[] | IRLFE K S AT
ORI BB T R . 20 L S0 mL IR YRR, I 0.05 g ARG sk A 2k, i
15 b EERE 72 AN, B EIRIETR, AEH UV-Vis 23 66 EETHI e O R E IR R, DL
WA 8 B 1 AR A

Guksh 2 B iR LR A 55

A=abc (4.2.1)
R=(C-C,)/C,*100% (4.2.2)

XA 4 WO, a AMOCHRE, b NEHLEBMANEET L, ¢ AGENREE, R NGRIERRE, Co N s
BHOWILRIREE, CONZEEG & R .

NGRS RN 261, 2 1E 28 SERG B TH (S5 1~16) 45 L BRI, LA 25 mg/L iS40 (50 mL) A4k
NG, BN 0.05 g £, HEEE 15 min J5EFE 72 h, EOBCEEWR, i UV-Vis 02 WROEE A
R@4.2.1). @22)iHHEREK,

(2) AT : 53 HIHL 0.25 g/L [ =FhGURHAM S 50 mL, #5001 0.025~2 g 6 N AS 5] 57 & 1
LB (R %), BE 72h EEG, MEHITHEERE,

(3) #RFL pH 52 : HUA[E pH 3~11)H) =M G AT & 50 mL, 43 74% 00 0.0125 g+ 0.0625 g #1 0.0875
g B AEZMH4), FE 72h FEEO, WEIthE & pH PR EBRE.

(4) FWANIUEIRFER : BUR R FE(0.2~2 g/L) I = FhYekRAR % S0mL, 437314500 0.0125 g+ 0.0625
g A1 0.0875 g REFI(I AR, B E 72h 50, M FHHEASIRE FHERE,

(5) IR E YR LR EPERE: T 50 mL VA eRHAR, $IN0E & LB 2k fF %), ##E 72h J5
B0y, MR EIR A Gkl R

(6) XLt CS-g-PDA 5 CS-g-PDN ZUAtH ). HX 50 mL WSELLEW, 43180 0.025 g CS-g-PDA 5
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CS-g-PDN, f£ 3~72 h WAS[E]I [B] fCBORE B0, IUE R 25 BR A, X B 2tz )%
5. KWHERSWR
5.1. REABFHHRR

(1) il 2(a), SIS TE] 3.5 X DESELL IR EBR R 51(97.19%) . IS TAIAS R R A 74y, Kt 3.5
h 5 S B RS KB R RS, PR R BERUR[S] [6], WUl € S BLE [A] 3.5 he

(2) F 2(b)ie7r, 7E3h RBISTER, 55°CHF 2R3 5R (98.5%) . 1& B A nl (e gk ks, (HIR L =
ol ACBRBURA B, BRICE RO R S 0 FRIE7], s SRR .

(3) Bl 2(c)&W, 7£ 50°C. 3.5h %M F, HAKECLL CS:DMC:NAM Ny 1:2:3 I 25 B F £ 75(98.7%). [t
AR U FL T 25 BE A AL s T 1 2 B B AR B R BUR A FEAR(8], MURfERCIE N 1:2:3.
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Figure 2. Optimization of the synthesis conditions
Bl 2. REEGRFHIRR

5.2. IEZSEIL S RSN

KH L16(43)IEASSEIN (R 3), CARMES R S AR S HON AR R, TSR40(25 mg/L)i R N TE
¥R, Ak CS-g-PDN )& R 2% A
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Table 3. Orthogonal design matrix (factors and levels) for CS-g-PDN synthesis
< 3. CS-g-PDN Z A& RIERE RKT R

] S ML 7] () SR PE(C) FARRC EL
1 2.5 45 1:2:1
2 3.0 50 1:2:2
3 35 55 1:2:3
4 4.0 60 1:3:2

MR 3 BOTHI AR BRI G A TR, BB NI SRR, SLRa Rk 4 for:

Table 4. Orthogonal experimental design matrix
4. EXTHR

T J B[R] (h) SRR FE(CC) BRI (CS:DMC:INAM) Rl LR (%)
SEE 1 2.5 45 1:2:1 91.24
S 2 2.5 50 1:2:2 97.76
S5 3 2.5 55 1:2:3 96.58
SELG 4 2.5 60 1:3:2 93.59
SIS 5 3 45 1:2:2 95.75
SEIG 6 3 50 1:2:1 94.68
SEL 7 3 55 1:3:2 94.47
STH 8 3 60 1:2:3 96.75
SEES 9 3.5 45 1:2:3 97.75
S 10 3.5 50 1:322 95.66
S 11 3.5 55 1:2:1 92.35
SEG 12 3.5 60 1:2:2 96.35
SEG 13 4 45 1:3:2 93.74
SEEG 14 4 50 1:2:3 97.33
SRS 15 4 55 1:2:2 94.24
SEIG 16 4 60 1:2:1 90.69
BIfE 1 94.79 94.62 92.24
YA 2 95.41 96.35 96.02
¥IE 3 95.53 94.41 97.10
YIE 4 94.00 94.34 94.36

Wz 1.53 2.01 4.87

Wi 4 IEASSEIR S5 KRB, s bl B R PR R ERIUT A : BRARTECEE > RMVIRE > RPN
BA RN SR 3.5 hy #&E 55°C. B E (CS:DMC:NAM) 1:2:3. RIS Tl &1 =
{2, HEBRFRLET 98%, KL T IEZ S RIhitil 17 & Mt

6. CS-g-PDN RYFRAE
6.1. CS-g-PDN BYLI Mk
LN HT (] 3)E7R: CS £E 3400 cm ™' (O-H/N-H 145 3R 5 & S 8E). 2953 cm™! (C-H {145 R5h) K
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897 cm ™! (FNITCIMHIZEIR BN A B A FEIE . CS-g-PDN % [&] v 7 SRS A I 5 472 AE, {H 1523 em™! 4bMA
f& N-H HR200G SLkss, REA R ATE-NH, M RN HEI 1730 cm™ (DMC ZFE#£#E)5 1389 cm™
(NAM Bt C-N 43R0 A FT g, iEH] DMC 5 NAM C IR 252 0 L8591, P &
AP

]

S o

L*\ ——— CS-g-PDN
I /

\
VAN

) WWMMM

st sRE
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20/°

Figure 3. XRD pattern of CS-g-PDN
[ 3. CS #1 CS-g-PDN BJ X Lk AiT 5 &

6.2. CS-g-PDN & XRD 4#f

B R/Y%

| ——CS-g-PDN

1 1 L 1 1 I(:S 1

4000 3500 3000 2500 2000 1500 1000 S00
P/ JHK

Figure 4. FT-IR spectra of CS and CS-g-PDN
& 4. CS 1 CS-g-PDN BILL S HIEE]

XRD 7Kl 4)B7R: 7 ERBE(CS)TE 20 = 10781 2074 RINARBLMIRTES I, R BIH A2 i R m i )
iR AW . M%) CS-g-PDN FAH BT T SIS Stk, MRS BOR 1 IRA A 45,
PRI R R ROUE A . 1245 R SASMGIE A LLENIE, 1ESE DMC 5 NAM B4R s Dh i 3|
CS L.
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6.3. CS-g-PDN BB 04T

X} CS. CS-g-PDN HIRHESUHATHE L. FRm s BG4 Rl 5 s, 2518 CS #1 CS-g-PDN 7E
10 pm, 2 pm A1 1 pm RO EG . EHTER CS REDEHEE, fLKEHD; M CS-g-PDN £
PR S % R =G SRR . 2SS R OR T R AR R BN s, AR TS R S SR,
M HETF 2 e . TSR BIESE T NAM A DMC s IhE:8 2 CS F:4E .

Figure 5. SEM images of CS and CS-g-PDN
[ 5. CS % CS-g-PDN RyiA s B E &

6.4. CS-g-PDN B BET 447

3.5
70 a 00035
0.10 P (a) & 3 0 | o—"0 (b) ®

=60 F ‘\? 0.08 I\ i L ™
a g : 9 o0 <
; g 0.06 I. \\ ;,. E 25F g nnnnn 4
&0 2 i . 4
"E 50 :E o0s I] /0 S) Som} o a/

g ~ z
Sl il b =200 5 A e ’
gAr / o i
g /00 o 90?2 %00.5.¢
5 %00 20 40 60 80 100 120 140 160 180 °°° s 1.5F oo m 00 /
'ﬁ 30 Pore Diameter (nm) °° °/ % Pore Diameter (nm) é?
2zt 7 <1.0r %“’*
E 2 =y o8
810 i o 0-0 oo o9 g 05F oooowgo—o—o_ww

o0 9% o —o— Absorption S 008 —o— Absorption
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Figure 6. N2 adsorption-desorption isotherms of CS and CS-g-PDN
[# 6. CS #1 CS-g-PDN HJ N2 IRMI-FR M iRsk

Kl 6(a) 1% 6(b)73 7y CS Al CS-g-PDN 1) No Bt - Bt bR 4, 105 IV AR IR Z(IUPAC 772K),
RIAFAE A BN FLCRFLA R 10].
ffF BET J7FE1H 545 RAEEL 5,CS Al CS-g-PDN [ EL R AL 7374 1.3122 2 m?/g Al 27.3304 m?/g,
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LR 5 115 0.003589 cm’/g 1 0.009897 em®/g. {1 BIH J7ikitH 4R 5 1, CS #l CS-g-PDN (1]
SFHFLE S N2 10.0959 nm A1 15.0109 nm. 7£ NAM Fl DMC A5 £ 52 R pE E 2 )5, REA. JLERH
e LA AR ZE G0, GBI BRI AR AR AL S 2 AL, BN 7RI 25 RE ST Ny W By A &

K5 SEM 75 45 R — Bt W1 7o Ml ok Jm AR I s i R A AR AL, AR T AR IR Y

Table 5. Specific surface area calculated by the BET method
% 5. £/ BET 52 ELER

o) SBET Pore volume Average poresize
(m’/g)* (cm’/g)° (nm)®
CS 1.3122 0.003589 10.0959
CS-g-PDN 27.3304 0.009897 15.0109

6.5. CS-g-PDN B EDS eI 47

CS-g-PDA ] EDS Bk an[¥ 7 B MG &R A Wik 6 pon, R¥EE 7 &3k 6, KH EDS fgixf CS-
TR RAFAINT. SEMTR GBS EM R 8, MR MEITELRA
FEUESE NAM 5 DMC 34k Eudad [ i3 I I I B il Th i & 45 58 s £ 5% .

g-PDN 43 vk

(Ep

40

30
20F

10 N

Zeta Potential/mV

-0k

—&—CS

~ 4 CS-g-PDN

pH

12

Figure 7. Zeta potential of CS and CS-g-PDN as a function of pH
7. CS #1 CS-g-PDN B Zeta BB i pH T4k

Table 6. EDS elemental analysis results of CS-g-PDN
% 6. CS-g-PDN BT & 5%

TR Wt% W% Sigma
C 51.62 0.77
N 10.77 1.08
0 30.55 0.50
S 6.40 0.14
Cl 0.33 0.05
K 100.00
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6.6. CS-g-PDN B Zeta B4

BFEMATEEZE S um, FREL 0.05 g FFIEE S E A 100 mL BEAA A, FFIIA 1 mM ) NaCl 30, =
WRIEN 1% HCL 70 NAOH WA 1577 pH, B TR/ BEPESS EBERE 15 min, & & 10 min 5, W
/& IS, H NanoZs-90zeta FEALZM T OO HEAT AN &, & = P (A ARy dae 2 i I A

CS-g-PDA ] Zeta AN 8 Fizr, MELT CS, CS-g-PDA FIFEARIE LM KIRSE T, 78 8ANIERE
FEI N, Zeta ALEIAZ T CS. T HAEB A EELR, UEY] T35 EE B DMC R RIIHER, 9%
Gk TR, BERCEM LR, R R LB H AT R RE IR RS

Figure 8. Elemental mapping images of CS-g-PDN

8. CS-g-PDN HY EDS ggik

7. BEFAX TR RERI RN
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Figure 9. Effect of dosage on the flocculation performance of CS-g-PDN
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TEVIEHIREE 0.25 g/L pH =7 kA0 T, FE 7 2EHHHINEX =Fh ekt B2 a52m (5 9). X TN
R, FINEN 0.025 g/L B ERFE N 84.25%, 0.25 g/L ik F] 98%, 1 g/L B 99%. Zi& A 5%k
B, HERAERINEN 025 g/L. XFIEZEL, #InEM 0.025 g/L (80.31%)3E % 1.25 g/L (98.9%), fe&H
ICRERTE, BEERMERN 1.24 g/L. BYER G 7F 0.025 g/L B LBRFN 71.44%, HE 1.5 g/L Bk
91.23%, kBN AH &

i 9(b)FrR, BEBIMERGIN, 2R IR IR, A R R GORUEURL IR R AT, 855
Rrla e R, (RdEBREE. [FN, HAKEERBELEMER, B DI 24, &I E AT B = 4E IR S,
F[11], DR AR .

7.2. pH R R BRFERIRE

=FPhGCRIIIRIR FE 58 0.25 g/L, ZEHHRINE D B ANIRLL 0.25 ¢/L, T4 1.5¢/L, BRMHE G 1E
1.5 g/L 7E pH 9 3~11 BIZAF T2 IR ST T CS-g-PDN b T =M gubh it 552 .t 10(a)har &l B4
VIS AETRVERE G = Fh Y RIITE pH HR 3~7 (BRVEA PR & T R R m i 5% . RIZRZTE pH
R 3~T B EBRFRAE 97.5%0L b 1E pH H N 8 B FEEE] 90%, HEEH pH AW K bR 1. Wi
ZL1E pH (N 3~7 KBRFAE 96.14%LA b 7E pH {H N 8 B FPEF] 88%, HEHE pH {H MG K BrR T,
TR MRS G 72 pH {H>N 3~7 BFE 90%LA I, 7E pH A 8 B R %] 84%, B pH M K LFRFE T4,

CS-g-PDN % pH {HMIHE K, B2 Je38 K5I NX P A AE K 10(b) T a] DL B 52 2,
N CS-g-PDN TERRPE S MF FBEA pH E G K prZeI K, FUNTE pH AR ASRIRIAEE T, 2 F%
LRI AR E . TEF9MR%&MF T, CS-g-PDN fRefRRRREE IS5, A 52 R s it 5 A
Ay IE FLAar, 0 b FH B 7 5k DMC (8l B B8 T A EF, BEnsE CS-g-PDN 5B 251 44kl
R R AVE R, B R BRRARRRE — MR R o TERME SRR T, Bl 5 9 B R 38 S i 1) P A v
FER, ZBREF N R,

1 RIRa 2 iz FRPEREG 100
o T T 95|
I
80 M . 9 |
a1 |
L 851
o 60 K N
¥ % 801
40 | 5F °
70 - A
20 |
651 .
o L i 60
3 4 5 6 7 8 9 10 11 2 4 6 8 10 12
pH pH
(a) (b)

Figure 10. Effect of pH on the flocculation performance of CS-g-PDN
[ 10. pH X} CS-g-PDN 2 £ BERIFZMM pH Xf CS-g-PDN 25k BERIFZ M

7.3. ¥EEFRLRE X TR AR
Wk 11(a)fn, 1€ pH = 6 MFE eI EWIRL 025 g/L, TR 1.25 g/L, BRI G 1.5 g/L)&F
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Figure 11. Flocculation performance of CS-g-PDN as a function of initial dye concentration
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B 12, ZEHIIE EBRKY Zeta RATELER

80

DOI: 10.12677/amc.2026.142011 96

OB SART I


https://doi.org/10.12677/amc.2026.142011

WERUK &

TERAESLIR &AM N CS-g-PDA X iS4 205 AR b FIEHN Zeta ARG WA 12 Fos, %K
7R T CS-g-PDN LAt DSR40 BN AT R 0~2 h (PR B A A PH S 1 S0 VIR R B e LBk, it
HLAF ORISR SR i As, TR UM R A 2~24 h (WM ZEME N E): HHRIE AR SE R, B U AKEE = 4E IR 45 Ry ik
ITARBES WA, TR SERAE TR UTRE ;s 24~72 h (UL THn): KIIBEITRRLE R, _BIEWRIETE, Zeta FL
ke TR, ik s/ N SRR R BTk
8. CS-g-PDN R &8 Rk P IR A

S 0.5 g/L MR, NIRAFRRYER G SFEBIREGHEG /K. SR WE 13@fn: 4fnEN
1 g/L B, 76 pH 3~7 Y[R N, ZUREDOHE A 7 NI SR DRI S0 SR 20 10 PR3 5 T 98.57%. KRR G
2R BCR (1 13(b)) o, fEAHIR pH JEHIA, I0E 0.75 g/L B ZFRE >74.27%, 1g/L B >80%, 1.5
g/L i > 90%. CS-g-PDN {ER & Jekb i 2 X DS 40 RN SR 2T ) 5 B R e Tt G, B CS-g-
PDA AHEL, 32 FI M [ 4 BE AR B 75 B &2 K.

101

e IR jod S
o B NE yv—7 B
100 | 90 | v
i 88 F A
9L = sor , e
= d o S 84f e N
- o 82F o o -
& & 80 °
e ot | o8
97 | 76 | "4
[ = m—— "
® 74 - 0.75
96 | T2 F e 1
70 F A— 1.25
68 | v 1.5
95 1 1 1 1 1 1 1 1 1 1 1 1
3 4 5 6 7 8 3 4 5 6 7 8
pH pH
(@) (b)

Figure 13. CS-g-PDN for the treatment of mixed wastewater
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Figure 14. Comparison of flocculation time between CS-g-PDA and CS-g-PDN
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