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Electrospinning Gelatin/Chitosan/Hydroxyapatite/Graphene Oxide
Composite Nanofibers with Antibacterial Properties
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(1. College of Chemistry and Chemical Engineering, Xinjiang Normal University, Urumqi 830054, China; 2. School of Materi-
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Abstract: Gelatin/chitosan/hydroxyapatite/graphene oxide composite nanofibers were prepared by electrospinning.
The effect of composition on fiber morphology and antibacterial properties were investigated. The results show that
increasing of gelatin concentration results in the increase of fiber diameter and then heavy fiber adhesion, showing
ideal concentration scope of 15%-20%. Increasing chitosan concentration leads to thin fibers, with optimum concen-
tration at 1%, while increasing hydroxyapatite (HA) concentration increases the ionic concentration of eletrospinning
solution, leading to the decrease of beads and fiber adhesion. Nanofibers with smooth morphology are obtained when
the diameter of HA particles is 12 um and at concentration of 5%. And the addition of graphene oxide (GO) enhances
uniform, smooth and antibacterial property of the composite nanofibers, which enables the gelatin/chitosan/hydrox-
yapatite/GO fibers good antibacterial effect against both Staphylococcus aureus and Escherichia coli.
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AR B i — b bl R 2 08 K A0 (Hydroxyapatite,
HA) R J5 B SR A EA AL 54 HA R
A R AR RS v, 2 H AT %52 550
NGB B R 2 o ERHUE . PO A LA
Jife Ak AT A LA S 2 A2 BRI S A
YW Z (Gelatin, Gel), A& —Fp KR w50 M EL, 45
= 55 N AR 20 i A 5 R v 1 e R AR B,
SR BEAR L 33 AR 22K A R ER R )
i, Gel &4 & MR IEARILE KRS, F8T
BRI RE BN . 78 (Chitosan, CS) B4
RLAFIAE AR 28k PO PR BB AE (1 2 Pl Ak 215
M AZ & B g, (8T Se LT o (R e v e, e
LR ST R S

A AT 35445 (Graphite Oxide, GO)JE A1 5 AT
AW, T RIE. KA ERE S L R
RINVFER], B5 S E R G, B RS A M
Bl ULAEK, GO #) 2 Moy I AE AR WL 22 5 1T« GO
FLAT v 5 1 g 2 B A I mT DU A BT N,
04T R S B0 b R v A g B R s 088 g A e 1
GO & HAT KA pee rE el wr bl 7 4 P Ak 6
Bio s b, Bk, Area R E g
PRI T GO EAMEHRIRE . Lu 2P %
T RGO/CS/EE LA WE(PVA) I K £T 4 52 44 Ky 45 11
WEEEMEL, 4858 E£H RGO 4 FI-T 41 M (o B
54K . Andreia 251'9E GO v M Ag 4K KL T
T GO-Ag K AMEL, I EM BN DU T,
R GO-Ag 4K 54 AR aT DL i A= H s 4, 1H
HAER RIS . CARPIO 251 B v i AR 11 4%
T GO/ A FEME W (PVK) AU K S S8 K, W97
WL A AR PR PR T GO, FIRHRE B GO
H RGO A )T 40 I (FRY BRI SG 58, [R)isf HLAT P
R, S5REME AT EILHE .

A4k, RGO A1 GO 0] 55 41 ffa Fp (1) Jig XL 53
TR R 5RO, M e A A (e A ks
st A, RGO FI GO 38 ik [ 40 i 1) 7 e
YER T L NI N, TS DNALRNA A 5HUR:
{5 B AL AR U™, T e v v A A0,

A H WS 5 ARG 4L Fith s b, il
HA R G I g 20 4, 30 B A 15 40 i A0 3
PRSI FARARL, KA R Mo J 5 v 119 B 1 41
AL TR e M o ¥ 1) Mas .Y | o =
ML, H&E AR TRAE A LML, H
R IAHCARIE . AR W91 22 075614 T 51
WL AR B AT BT 1Y Gel/CS/HA/GO &
LR SCHMRL . T AN R BE R 997 22 1 53 5 T T

20 ST AT AR Y, R A 5 T A
IRBE G522 180 3 55 AR 2T e JE SR BT 1 1 RE 14

AT
A T2
1 LIGHZE

1.1 RKFE5E
111 RF R

LR (R K R RE A Ak TAT B A+, 7o R b
(Sigma AW]); HRALEW T ), FBERBE K A Chi
2012 umA160 nm, iR RAGRAR); A&
(B it TAH R AR, WAL T ), ik
i 4 (B P 44 4 e A il 8 ), 30% i A AL AL CR
IR RE AN AT R ) ); K G B T A 2k
Ao
112 X8

TLO1 & HL 47 22 HLERIIE T S ah B A R A 7)),
F140 B 7 B 85 (SEM, Carl Zeiss, LEO-1430VP,
Germany); JZE4} H 7 2/ Bi(TEM, JEOL. JEM-2100F,
Japan),
1.2 SKIgHiE
1.2.1 Hummers method #l &R L ARENERR
HwEEE

0OC FMMA 5 g M 115 mL WKL M
500 mL ZZM T 1S NN 25 g R RN, B 2 ho
SR G HEA% 21 35°C ity [ Rk 5. AR N 7%
WK, {E 90°C iy H A 30 min( R (AR I 5 /)
) JEI A ZY 15 mL H,0,, #it4¥ 30 min J&, LIE,
F 258 77K R HCL S e 2 e i i, SRS 1E 60°C
THAE T TR EE, 158 GO.

¥ GO ZKIE BN BT VA 56 1 [P 30 2 B B
H, N B KA, AR 100°C g T R ]
Tt 24 h, KA BRI Y98 S Sl M B K
VB 3 IR, T 60 CHAZ T REE, 1938 AN
1 8845 (RGO, M),
122 ZheikmBEH

FREC—E 51 CS WAL LTR/KEEHT, Btk
12 h J&, #EMAN Gel, £ 60 CKIB AT FH R 2R
JE N HA Bk, GO 3 RGO #iA, THiL#HiEE
30 min, fff HA F1 GO ¥J2) 73 /L W, o & e
ER LT
123 HLGFHENFF

b AR Y e AN R < 50 o I o<
B Sk, T I8 € AR PR R S R R A . B 20 emx
30 cm A 9 1] 0 AE e AN BB AN B b AR Dk B e e
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30 %

li] 5 3 S A AT SR AR S 2 (R PE 504 15 om. I VE
S ARSI A, A S R DA I R 2 mL/h
YT, FT T s T T g b, A% LG
G4, SEE IR TN 25°C A A, AR R A
45%~55%2 1] o & U I AT Yl 4E =3 N B8 T
3d, BREFREES,

1.2.4 E RN

B Fh ok A X 22 [T B K #1181, Escherichia
coli) A s 2 == PH 14 P& (4 3% €4 % 44 Bk &, Staphylo-
coccus aureus), M & Pk E =W 7 H K VM
Gel/CS/ HA/GO E A L 4 Buwi ke o 52 P2 #r
FH VB i A 55 9774 (spread plate method), M 7€ & 43
B oK FH B SR T RS B ¥ U5 9% (film adhering
method) - P B S5 4> b = 4. Gel/CS/HA .
Gel/CS/HA/RGO FI Gel/CS/HA/GO, £S5 4134
A 3AFATRE, &5 RECFIME.

SENESI AT TSR ORI AT R 4 O 2 R OAT
PIRRTE AR BB M T LB B 9R3k |, T 37°C FikAT
12 h e G IR, BP0 PR OE 5 (1 e Ak e AT &
TR R B 5 12 h A5 R, T I £k
Ge P (PBS)E FIAR PRI 4H R LI 10 mL K EEA
1x10° cell/mL (KB RJFIEREIE 37°C.
200 r/min fRIFE R FF 597 12 ho B Jm #847 VHUH 100 pL
WA, 78 37 CEIRREFRM TR 12 h, LS4 R
(1 A AR LI R

SE P SR FRE ol 2 RS B 1) 5 vk MR A
PUB R . PR RN T LB $59Rdkrh, T 37°C
FHIR 120, Wi R EE 3Kk, LIS IR #

K1 AN Gel i

14 (KI£T4E(¥) SEM Hi R

R B VR B R T AR RS R R AE 37°C, 200 r/min 1%
IRH RS TR 12 ho FIE IR 55 2% pR s (PBS)Ke 195 P 41 141 i
HK 3.0x107 cell/mL R BIR, 2 IR 10° 1%
Bl WURE S CE AR IR MR 2 B A b, 15 9 LR
AT, VARG I WZE R . B 50 uL S FAEs &
I, 37°CHiF% 12 h, FH W 2 500 uL PBS ¥,
FEAY, BLS0 uL VRATFAR, 557 12 h, BIATECH Rk
Ko K5 IQPTE A AT DU R QR VSRR S P
HRF R BILL Gel/CS/HA Hxf B4, HEAT 3 Ik
1T858, AR BP0 )
ﬁﬁgzﬁ%ﬁ%%ﬁ—i%%%%ﬁ

x100%
X 2L R ’

2 HR5WR

21 Gel iREMAFHBIR

Gel 1ENE AN EE RS, R
AT EENE, K 14, Gel WkEE
R(<5%), KK Iyt N, Lm0 5 (&
1(a)). BEAE Gel WEEMIIE K (10%), K5k J) & Hii
K, FFURAT LTI, I BT HERG I L B4 25 1
Z(E 1 (b)s 4 Gel IRFELE 15%3] 20%Z [A]I], H
ARSI (B 1(c, d)). HIE Gel M- D18 K
(25%), KIEGK TR, Mg AR L iR TR J),
AL LT YE ) HARK K, W R ARG, 18 BT YR,
AR Y LK 1(e)). Gel M ERE— D15 K
30%I0, FLGTRICRL FE L K, Ha g b R v R 4 R
g, i AT ARG LT 4 AL (B 1(6))o

\

Fig. 1 SEM images of fibers prepared with a series of Gel concentration
(a) 5%; (b) 10%; (c) 15%; (d) 20%; (e) 25%; (f) 30%



530

QOB A gyl W B T SERE AR SR AR A A AT SRR DU B A AR T 4 T 5L 519

2.2 CSiKEXAHR SN

ARSI F B H S B AAPUEAE - E A 4T
He, LA Geld i s I B A PLw tEREICS. &2
JE Gel W B2 43 ) A 15%H1120% 45 2 K s InCS Ji 1) 21
AEIESR T . GelWK JEE A 15%I6, M CSHEIRAR, H
17 Gy AT B g e e 800 (K12 (a)); BEAECSHK
FESG I, Wi gk I HOR, mgi iy s H
HARK(E2 (b). Gelik & H20%MH, MACS)H,
HANILTAE I . CSIRERARIE, 5850 47 4k Kl
Be(E2(c)); CSHEEE NG, Myt fEh A ERY
I(E2(d)). FLIRFALEFCSH T WA S BEMEH, BE
SCWI P, AT LS s RL IR ) 2 R RE, A [R] B A 3
KT g rRmak gy, Smbgidse, CSIwE
ANBEE K. BT, Gelil B2 4115%, CSIEE A 1% 1
L IR IR R =y i
2.3 HAREINRIEXT T HRI TN

HA 2 NEE 0 FZTHUSSr, Frihm Bk
Gel(Gel W JE h 15%)F1 CS(CS W A 1%) i g
I HA ki, v DL £F 4R A A 20 . Y3 46, HA
Sy T Ca® i LAY CS 43 T [-NH, 11 N R B2
VERIBH, WA A5 S I 4T 4 B a4 50« AN 5206 vk
FETRARA 12 pm F1 60 nm ¥ HA Fikr, -2 %5¢
L B RO o 2T 4 R 5

MHA KRN 12 um B, 552 T HA WKRIE N 2%
5% 8% X LT T E I RE A o HA ¥R ER 2%,
T HA WRPZEUN, G5 ) S B AR B,
Mg R, WA R, TR 4EAH TR,
4504 (8] 3(a)). B HA WRFERIR, 4RGN
FIBHEAR, LB 45 (K 3(b, ¢)). 12 um

e | g
<
;

g
i

B2 ANl CS LRI 2T 4 SEM R

Fig. 2 SEM images of fibers prepared with a series of CS
concentration

(a) 15% Gel, 0.75% CS; (b) 15% Gel, 1%CS; (c) 20% Gel, 0.75% CS;
(d) 20% Gel, 1% CS

(¥ HA BUREE R PEFREE N 23 R W I %, & B HA
RURLANAL o AT LA L 5] 4 0] S 0082 BRI 3R G T HA
BRI AN L%, VR4 0 (149 £ 29) nmo A SEHK:
&ML AL A 1 pm ZiA7, BT LARRE i 1)
HA B0z n] AR (038 AR 4T 4

2 HA Ktk 60 nm I, AL %ES T HA
W 2% 5% 8% 5T R XS HGTLT UL o 1
T YURITURL (1 RN, £FHERDRIRIL AL 12 pm
(K15 (B 3(d, e)), HA IR FEHE K2 8%, ALK
ZR 55 (8 3(f), (HAITRAE T R b I HA VT
B S o

B3 ORI HA P EERTEL F 0 2T 4 1) SEM J J

Fig. 3 SEM images of fibers prepared with different HA concentrations and HA particle sizes
(a) 2%, 12 pm; (b) 5%, 12 um; (c) 8%, 12 um; (d) 2%, 60 nm; (e) 5%, 60 nm; (f) 8%, 60 nm
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4 R 12 um (1) HA 0TS 19 SEM R
Fig. 4 SEM images of HA with a size of 12 pm, before (a)
and after (b) dissolution

1 LA B85 R n] S, HA (RRLAR X A5 2T 4 (R 3

SN  HA FURLRL /N A AR 0, LA SR R,

HLTRANE —, BUE g7 4T 4 R4 4) . HA Fokz 8k
FIOK I, BRSOV %, Wiy —, G644
TESUE LT « HA FORCRLAR R 12 pm, HA WRIE N 5%
Frifil 4 I 25 A YA .

PR, B A R T LR
KM REW I R IORFE S e o it mA
LR BS A, AR YT R, H
I3 A AR BT IE B0 AT B S SO L D HA A
BE, R b, 6 ey AT 4 B SR AR A
BP0 Az ut b HA WRIERIK, FERR TR
WP HA &%, 952300 LS TR JE
K, M SmYT 22 ) 3 itk e 4eedn. K
SR T A FIR BT, W1 CS FERRME T
-NH, 22 i-NH;", # KB sk, 48 cS M
HA RGBT, T CS 4 Fh N
Ca™ ZALPY, T ks &, (B R 0728 F 475 1) R e
WRE, PTLL CS FITGHLES 1A L ¥ B V] w] 95 1 B

S o AR, CS FIJCHLES - 19 AN ) 25 e v
I HPE, T NS HL T AT 4 (0 EAR R 3
A B RIS o B R AR A L BN AT IE A, B
JREE[F CS.

2.4 GO REXAHRIF N

AHFH W2 — 7 T B A PUwi1E i 4
ST R SR, CS B BUw1ER, (HILPUE
559, Bt CLASHE ST ) HL 95 s I T B Pk 1
GO. 1F Gel W% h 15%, CS W% Hh 1%, HA(12 pm)
WL 5% IR, i GO. ¥ 5 &7 Fid =7t
BEWBYTP 2 HEINT 2% GO fl RGO #l#4 MK
HAMRSIR, WA . AR
B S (] 6)n] LUF H TCHLAH B 78 e 4T 4
Z W HIXPR R IRE PR, TR
K, S R g R IO, TR HL g ik AR v DR 7
YRR Ty FE 4 3k

* Q) “ L_=°HIL_;:=E=.I Ve _ &

f§~ :éﬂﬁﬁ*;' '

lb ‘ﬂﬁ =X q ',{ =
l‘%ﬂ ..",’ ! ;,-!.% 3

€15 A GO Fil RGO £F4E SEM Hi )
Fig. 5 SEM images of fibers with GO and RGO
(a) 2% GO; (b) 2% RGO

K6 HALTYEN TEM IR
Fig. 6 TEM micrographs of the composite fiber

25 inEMEREEMIR

Wl ks, 19 A Gel WEN
15%-. CS WJE R 1% HA(12 pm)iKkE K 5%H1 GO

KN 2% (ELLAAE Pl n R A 2r e, %%
HPiwt fe

251 MXBTFRHINE 4

h T 2 S A KA R B R, A
PR AT VERT SLHEAT e MU B I . 40 v el B
F% 12 h J5, £ Gel/CS/ HA/GO £, FEAE KILK
AT R @ % () 7(c)), Gel/CS/HA/RGO H AT /b &
(P BE 7% (K] 7(b))o TIAEXT BEAE () Gel/CS/HA 1 (K
7(a)), O —LREEHERAE —RIENEE . %8R
K W: Gel/CS/HA/GO F1 Gel/CS/HA /RGO %t Kk
W R A B MPUE RE ), B Gel/CS/HA/GO %K
W AT VR PRI B T RE D B it o [ B 70 B 2 BB R AT o i
TR I, Gel/CS/HA/GO i K AT I %
100%(/ 7 (d)), Gel/CS/HA /RGO i H: 371 B AN
38.6%. iX gt B K B Gel/CS/HA/GO X K AT i
HA BRI P e
252 MEHEGBHEKENMEM

S 3 AT 8 T 4 Ko 4 LR 7 R AT 1 B R Ak
R, EEEERFE 12 h )5, Gel/CS/HA/RGO K 1)
W5 Gel/CS/HA R WK R 2 H2E R A E
(Kl 8(a,b)), Gel/lCS/HA/GO 3 [ I B 7% Wt el /b (P&l
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Antibacterial rate / %

(a) (b) (c)
Sample

7 REAYER KA RIS

Fig. 7 The composite fibers antibacterial rate determined by
Escherichia coli

(a) Gel/CS/HA; (b) Gel/CS/HA/RGO; (c) Gel/CS/HA/GO; (d) Anti-
bacterial rate

Antibacterial rate / %

(a) (b) (c)
Sample

8 ST ET YN B (0 2 BR AT O TR 22

Fig. 8 The composite fibers antibacterial rate determined by
Staphylococcus albus

(a) Gel/CS/HA; (b) Gel/CS/HA/RGO; (c) Gel/CS/HA/GO; (d) Anti-
bacterial rate

8(c)). W74 W Gel/CS/HA/GO if 4 i €07 4 BR 1] H.
HRORMPUEFERE S BT PR RE ) LI 8(d).
Gel/CS/HA/GO WPt ZIA 2] 73.24%, 1 Gel/CS/
HA/RGO MPTHAE RS, HIAF] 3.4%. EmS
45 RN 1 S50 45 A — 3, R B Gel/CS/HA/ GO
Xof 4 B0 A A R R LA R PR P R

TEARSEEG T, SAEFYEN CS FRiRd, Hhiw
PEEE K AT GO F1 RGO [H5T#Rk . 4 kIR IE, GO
RGO MM HAPURME, HLPrppLEE =2 A W
b A8 A N JHORT 3 U 20 JRJES o SR04k I B8k ph 4 it vp

PR ROS) I ™= AR 5 S IR, i S 40 B b ¥ 4t
AALBEA BT BR S A, B S BUR G R 7 i )
1. DNA SRS, Mfsh g™, 55— Fhdi
FALH]Z GO F1 RGO 38 ik H B3 Zx M W) #AE 25
o M 028 Feng 252V BLKIGAT 5 GO
1) LA FH 1 S 40 J 1) 56 S A R R 2 IO T IR )
FALPR . IXRE GO T RAE FH A& R 41 B 1)
{22 R EAIAY GRS PSR 5B v SR E IR IN KN
PR FH T gk R 2, RSB 54
BRI o i A), PTG . ARSI,
GO HABUFHEAKYE, ik T HAEE &4 i)
SyHCTE, BT CAACSEEG 5 G £ 4l v] LRI H 5 1)
U PERY,

3 #ig

ARSI SR L 2 243028 h il % Gel/CS/HA/GO
YU G UK YE . H52 T ik R Gel. CS. HA
I GO [MIRFEXT R G LTSRN . Gel 54
N, A EAAN N, R IR L%,
Gel WEEHN 15%~20% 2 [MEAE. A CS J&, HIR
M ETHUESy 32, CS WPE N 1% I HR 95 21 4 3 - o £
LT T I TEHAR HA, HoRiARh 12 pm, W
N S%ET AR YE TS AT . A T Hem A AR YRt
WMERE, A 2% GO, R & 4F 415 3 sk &)k
SEINER N 7)Mo R SRR EE B RS SR S
HOEIN S &7
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