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Research on rheological and fatigue properties of ball-milled GNPs/SiO,
composite modified asphalt

TIAN Wang'?, WANG Yuhang'*, CHANG Liangliang'*, CHEN Huikun’, NIU Dongyu®
(1. Shaanxi Huashan Road and Bridge Group Co., Ltd., Xi’an 710016, China; 2. Shaanxi Huashan Road and Bridge Urban
Operation Co., Ltd., Xi’ an 710028, China; 3.School of Materials Science and Engineering, Chang’ an UniverSity, Xi’ an
710061, China)

Abstract: [Purposes] This paper aims to study the rheological and fatigue properties of graphene
nanoplatelets (GNPs) and SiO, composite modified asphalt. [ Methods] The preparation of GNPs
and SiO, composite modifiers using the mechanical ball milling method was studied. Different
amounts of ball-milled GNPs/SiO, composite modifiers were selected. The high-temperature

rheological and fatigue properties of ball-milled GNPs/SiO, composite modified asphalt were
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analyzed through the multiple stress creep recovery (MSCR) test, temperature scanning test,
frequency scanning test, and linear amplitude scanning test, revealing the mechanism of ball-
milled GNPs/SiO, composite modification. [Findings] The addition of ball-milled GNPs/SiO,
composite modifiers can significantly improve the deformation resistance of modified asphalt under
repeated loading at high stress levels. When the amount of composite modifiers reaches 9%o, the
deformation resistance of ball-milled GNPs/SiO, modified asphalt is significantly improved. At low
strain levels, the addition of ball-milled GNPs/SiO, composite modifiers is beneficial for improving
the fatigue resistance of asphalt. [ Conclusions] Compared with single modified asphalt, ball-
milled GNPs/SiO, composite modified asphalt has better deformation resistance under repeated
loading at high stress levels and fatigue resistance at low strain levels.

Key words: road building material; ball milling; graphene nanoplatelet; nanosilica; composite

modified asphalt binder; rheological propertiy
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PR, A SR FH GNPs 5 40K Si0, 524 B
T, P i HUARER 1 P A T, AT 7 A
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stress creep recovery, MSCR) 55 | i B2 49 4 1 56 |
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) 2R BE GNPs/SiO, & & M ¥ ¥ % (graphene
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Table 1 Technical parameters of 70" asphalt

REFE bR SCOUME | BRIk
A (25 °C,555,100 g)/
74 60~80 | T 0604—2011
(0.1 mm)
Ak sC 53 >46 T 0606—2011
FERE (15 °C,5 em/min)/em | >100 >100 | T 0605—2011
e J RIS/ % -0.629 | <+0.8 |T0610—2011
T £ ABE /% 72 >61 T 0604—2011
Jnke | BRERAENE (15 °C,
21 >15 T 0605—2011
RN} 5 em/min)/ em

1.1.2 GNPs

AW FE BT FH I GNPs b JE 1T EIL90 A1 55 0 45 R
By A R 2N w24 A KING-150, Hodl R4 hnln
2R .

2 KING-150# K 54
Table 2 Technical parameters of KING-150

Kam 5 Ras s | AsbrdE | ATk
SR HIREHA | IR ERE H
Bt (Dgy)/wm 8.85 7.00~12.00 | HOLHKLEAL
HEFU JE/(g-mL™") 0.013 0.01~0.02 | HEFEEEAY
53 BIOR) S5 43 U % 2.00 2.00 JERHAC L
KA % 0.33 <2.00 AR
I

Kl 1 KING-150 B 4 4 B 7 2 3 B8
(scanning electron microscope, SEM) &l . M E 1 H
ALE L AE S 000 15 Y 14l L BE T GNPs 52 A BL I
B R, B @ PR, BAT B A9 2R 54 .
X —FHEATF T GNPs 5 W75 73 1 5870 i, O H.
B AT A 2 e Y R T RE o

B 1 KING-1504 SEM B
Fig.1 SEM image of KING-150
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1.1.3  Si0,
ASCHEECT 250 H Si0,, tE 2 ian . %3N

B2 12508 Si0,
Fig.2 1250 mesh SiO,

£3 SO, HAKHK
Table 3 Technical parameters of SiO,

ezt 5 LRUIEEES BB bR IE
LR R/ (m? g™ 175 160~180
Si0, 5 i 43 5/ % 99.5 >99
ik /% 5.2 4~7
K BE s /% 33 <5
AR/ wm 5 4~6

1.2 GNPs/SiO,EEWMRIKESHHTE
AR FH B BR B8 15 il 25 GNPs/Si0, & &+

ABE AR AT FE LR, 2 BEAS R A BRORE EE (3RS
TR EE R B b ) (EREE B[a]  BRES o Wk L
(GNPs 5 442K Si0, iy iz & [b ) 55 HLR R B 2 50
SR AR R RS = KA bR, B AT BR
Vi 2 B0 el P W PR RE B4 S B A [ A EG 43
BT A BK % 21 IR 1 GNPs/Si0, 5 & b % 5 75 4 2
PR, T S B4 T2 M e FE LA Bk s 2 80
R T A BT 98 JE AL, GNPs i i B 5 5 0.04%,
SiO, i B 1N 1%, 76 5P 790 B ol 1 Ao ) e £
BRT L IRYRHE 130 JEA7 T, nl 1542 4t ik
FB N 1.24%, Lk FIB LIS R,

ANFIEREE SHCT et I = KAR AR Lk
47N o P AR A SO W R R A T I T
B2 TRAZ e TR E B, FE AT AR I B R
BT 3 PR Ab AV A BRI 2 B i o 45 4

H e 4TI, S ERORHEE S 30 1A, &2 A e
R SRR, R 54.0 °C, IR E PERE AR .
BRI R 300 r/min B, &2 A BP0k
SRR, N 54.0 CLEIZBRIBESBUR BRI
RS P B B R i o

R4 TRRHRBERIT RN FZKIGH

Table 4 Three major indicators of modified asphalt under different ball milling parameters

B AJE(25°C,5s, | #EAE(10 °C,5
TS - ST A A /C AR 2
100 g) /(0.1 mm) cm/min)/cm
IR 74 15.6 51.0
KEREE GNPs/Si0, (#8114 1.24%)
) 70 9.7 52.5
HEUAEDE
BRoRHEE 2011 67 11.8 53.0
BREEHE 3 300 r/min , BRI
BRkHE 3001 63 12.4 54.0 ]
B 1E] R 3 h, R EE 1:30
Bk 4011 56 13.1 52.5
BR S 5% 14 200 r/min 66 12.9 52.0
EREHEL 300 1, BREE R[]
BB 3 300 t/min 62 12.4 54.0 .
3h, kb 1:30
BR S 5% 4 400 r/min 64 11.6 53.5
EREERTIE] 1 h 68 13.8 51.5
ANIFIEREE S50 - ‘
CNSA BREEI[E] 3 h 62 12.4 54.0 BRI 300 r/min, B}
BREEFE] 6 h 61 12.8 54.5 H30: 1,48 1:30
EREEIA] 9 h 58 11.5 55.0
PrRkEE 1:10 64 11.3 52.0
Yk 1:20 59 12.1 54.5
BB 30 1, BRI 5
PR 1:30 62 124 54.0 X
300 r/min, BREE T[] 3 h
Yk 1:40 64 13.7 53.0
PRk 1:50 67 14.5 51.5
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WL, 5 3RE GNPs/Si0, £ 4B iR B AL A Ik 5 45 AT 20 57

R BRI (] A 1 h R BR B A B S 4 P U
FR) 2 A AR T oA R S Ak T %) B 90 7 1R AR Ak A
1717 Bt 5 R s I ) 24k 2 2 K, A ek 90 i 0 Ak
SR AR BE IF S K, PR ik A S e R BR B I (]
3 h, AR B08 A REFE

Bl P RE L B RN B2 O T AR A
B RERR R MR TRREDE , Wk
oM 1:10.1:20.1:30.1:40.1: 50 (954 et i
AL 2543 4 R 1 1.0.3.5.3.0.2.0 f10.5 C, X
FEHITE 1:10~1:20 71 B P, 36l /N 0 ) EE A 11 0
T R AR E MR RE , M4k S N RHELE] 1230 B,
Wi 1 e T BRI 4 ek, (A = TR
— 7, YR N T 1010 KT 140 ) BREE &
A PR I T A AR AT L R ER A A R T
1, 1K W RE L Al 2 5 i A A A0 T R O AR

MITEZ S o R 1220 B, &2 4 otk
W B HAL S R, M 54.5 C L IEIZIRBES T,
FE T e AR T ) R R R A

IR I, A SR FHERRE EE S 30 1 Bk B8 e i Oy
300 r/min ER EE I E] R 3 b W0REEL A 1220 (I HLAK
BRI ZHOR ] %5 GNSA.
1.3 HEHEIZ

JefE T OB 0 B AT SR A B
Je FH 2 150 °C R J5 A8 A SOPE TR DT FH 3 B
P FE 10 min, 555 2k & 5 UIHL, 78 160 CHY )
T LA 3 000 r/min () 5 Y) 3K 5 55 U] 40 min i1 #5 2k
PEWIT .

Wi 7 28 B R AR K GNPs (Si0, 76 i & Hh o e
TSR

x5 WHHERRARACNPs S0, EHFF &
Table 5 Abbreviation of asphalt type and proportion of GNPs and SiO, in asphalt

A= I J §< ~
. Ryl GNPs#
55 Wi P AR iR " Si0, 18 5 /%0
B %o /%o
1 LR original asphalt 0OA
. graphene nanoplatelets
2 GNPs tHEDI T | #8424 0.40%0 GNA 0.40
modified asphalt
3 SiO,EEVR T | BN 10%0 | SiO, modified asphalt SA 10.00
4 B4 K 3% GNSAO03 3 0.07 2.93
5 BN 6% GNSA06 6 0.15 5.85
GNPs/Si0, B A graphene nanoplatelets
6 o T BN 9% GNSA09 9 0.22 8.78
W E & Si02 modified asphalt
7 BN 12%0 GNSAI2 12 0.29 11.71
8 BN 15%0 GNSA15 15 0.37 14.63

1.4 AR
1.4.1 MSCRiXE

XFEETRWITT . GNPs MU 7 Si0, e I 7 Al
3%0 . 6%0 . 9%0 . 12%c Fl 15%0 15 & N BK B GNPs/Si0,
824 PP R AT MSCR I, 56 IR 0 64 °C.
FE A 22 W, 6 TR A AT NE B IS AR
(RTFO) s Ak Ab B . SR 0.1 F013.2 kPa )i
FI7KF LUBEAR (1 ) =152 (9 s) R LA EI, A~
N 17K 10 N6 B, B 20 S E 26, 4200 s, ok 3R
IR 266 435 741 1) 2 SORE DG Rz 3 MRS RS TR A TR
142 R A

AHIF 5 ek B 1 R 56 e ELAR N 25 mm 19
W AR BE A 1 mm, 3856 96 % E 30,
40.50.60.70 °C, W 227K F-2R 0.1% , ff 28 A F A %2

[l € 9 10 Hzo >R H 2 B0 VIR BE A A L 42 il
DR 7SR A BR B GNPs/Si0, & A v I 7 B9 Bt B
VIAEIE 8 1 LA S s P fE .
143 BEREMIAER

BEXFAR SCRTRIFFE I GNSA , A5 2R FH sh 2 5 1)
it A2 SO A TR U 7 A Al AR AR IR T R AT AR
fili, ARG W T A6 A [ T 4800 5 A gy 41 1 g 7K SF-
AT PR RE o IR T B 25 mm AT,
AT AR BB 1 mm far 2 AE PSR 0.1~
100 Hz, JREEFE I 40 °C AR AHE 4 0.1%.
144 RAEIRIG MG

AR F S PE 4R 1 49 451055 (Tinear amplitude
sweep, LAS)WFFEBRIE GNPs/Si0, & A 2 PE I i 1)
9% 57 VERE , LAIE 97 F3 4w NAE PP 48 AR . %R
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H F1 A S K AL (pressure ageing vessel, PAV) &
1620 h 5 0 95 AR 2R AT U, 0 R R R
25 °C, Wi iAAE AR N 8 mm , FATHR B R 2 mm.,

2 #ZR

2.1 REMAIREER
2.1.1 MSCRiXH %5 H

B 3 A E W 64 CUF APk &2 R RIR I 45
R, N 3.2 kPa FBEASMK R R R, M 0.1 kPa T
FIEAR IR A % R 3 AT LA Y AT OA,GNA
FUSA 1 T A8 i 52 A HB A W G 4 T, 3X & W] GNPs
F1Si0, BIRE k05 75 5 25 ) S AL 3 241 43, I GNPs
XF 5 AR AR T e D B4R T O W B teAh 54
O WU T AR K A S SRR, T B 4 )
(1) AT 1k 2 A8 T8 % 8 5 BRI GNPs/Si0, & A5 Bl 7
(42 2 F 0 B AT 1) TE AH G, BV 52 SR Bl 5 BR s
HAUMERB RN K., M2 5B
K 3%o B, GNSA [ 85 25 58 77 15 SA (9 4% A2 fig 1
FHS,H55F GNA R IFAE B8 ) , R 94°K Si0, ] B
X GNPs [ 3 50 A7 7 AR . 452 A el
B8R 9%o I, GNSA RYIEAS e J1 FFUA L T GNA Y
FASRE S o LRESKR WA 1K T IS AR R
R R AR AR 5 2 3G AR KT 10%, B ERES
GNPs/Si0, & A s 751 B i A 10 7 78 = b 1 7K
TG far AR T AR AR BE A B R

B3 RFHH 64 CHE LA &
Fig. 3 Creep recovery rate of different asphalt at 64 C

P 4 R AR 64 CAS AT R A2 05 7 52 B il
LR T, 000 0 45 W IAAEAE 0.1 F1 3.2 kPa i T3 7K
VBN R SRR SR ), AT LU TR AR

WO ZEE  J TE RIS 30 B I T 1 v I S e i
ME 4T LLE 4R R AR SRR R 5
G HERB B R SIRAK A R MR . TE
0.1 F13.2 kPa i J17KFF , % GNSA IRHFEY J, H
Bifi BR 15 GNPs/Si0, & £ Bl 51 45 2 19 3% in 1 328 %7
U, B /NFIRWHF . M2 AU ER B
H 9%o I, GNSA KL 48 JE 5E J1 FF 46 A T GNA
B o X RUAE 64 CRIER MR KM T, BRE
GNPs/Si0, & & WU 7 (4 77 75 Be 4% 10 61 5 & A W]
WRAZIEAS B9 7= A, M T GNA (SA %2 & Wk
HRIAEE NS PR RYERE . BREE GNPs/
Si0, & & eV A 48 A I 43 18] (AR AR
FHSG X Bz T W st R . Bl
B AU AB B RN, W R R TG K
TS AR T ) B N . SRR AR AR LA
SERCHRE VR T T g L L

EA, 52
==V

']nr 32/0/
S}
[N}

Jnr 0. 1/0/

7 \
J BB .
0» Qéwv & &Y’Q’b &Y’éo @Y’@ @Y”Q, &V’\g
[CER <) G G G
Sl
B4 RRWHO4CARTHRIMEFRESE
Fig.4 Unrecoverable creep compliance of different asphalt

at 64 °C

2.1.2 R ES R

P h 45 B A5 20 U 7 /9 B BT U
MRS R, ME SR, HE ST LUE W T A
Wi FE i 1 52 B DDA i G4 Bl A IR 1) T v T
W E AL, RUERER &SN T, EEAS
FREETEAR . X T GNSA ML & BRI & A el vk
Bt n$E X PR IR AR R iR A
TR, X R E AR AR T
BB UIPERE . M E A SUE B & R 3% F
6% I, FH%E T GNA, GNSA F1 OA | SA 1Y &2 Bk &
TCA 25 5 5 2482 A P45 JE A ) 9%0 i, GNSA
W BT AT e 1 R A 24RO B A U R 48
AU T 2%,
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W IE, 5 3B GNPs/SIO, 54 BUM I ik T Ak Ae i 37 45 PR 7 59

350

5] (] 13
=] W (=3
(=1 =} =1
T T T

SRV 0% /kPa
S 2

W
(=}
T

020 3‘0 4‘0 5‘0 60 70 8‘0
L/ C
B5 ZH#TmEEFMEETHX A
Fig. 5 Relationship between complex shear modulus and

temperature

WG A o AR # B TR B2 728 A Y OC 2R il 4R an &
6 T/ o TR S T I, 48D 1R 1 AH 7 £
B R, MIR A E] 70 CHE, OA SA  GNSA03
FT GNSAO6 1) AH 57 £ 18 4 W B 9 1% | I 34 2 3
90°, BLHT, Wi 5 E R F AR AT R A
W30 ) SR RN o AR Y BRI 2 A e B
B 1T 9%o BT, GNSA FEAS 7] i B T 52 90 4 AR A AH
frff, BB W, XTTREEE R
GNPs 1 SiO, 7 Wi 5 s 1 38 5 A0 , 9 & 9 2 72 BH
5 TWHEST TR . (EREENE, A
T GNA EE S, GNSA03 Fl GNSA06 72 P H B A (1) A1
BLAf X 3R B BRI &2 A BlorE 48 i BIR AT, 480k
SiO, A7 FE XG5 T I MR AT 0 X AT RE A
YK Si0, 1Y 1 B TR 2 8500 3 AR, IR RN I A7 AE
AW FHE LW mYEREE A R B
St A O RO ) AR 8N A SR A
It GNSA09 . GNSA12 F1 GNSA15 F& 3 H 5 /N i) A1
P

100r . gA —+—GNSAO3

90+ ——GNSAL2
—e—CNSAILS

80

0} -——""/

|

20 30 40 50 60 70 80
REE/C

El6 Aafrf iR ERNL F

Fig. 6 Relationship between phase angle and temperature

HfA (0 )

R FAE W R PG B R L A T A
FIRRE R T (G/sin &) (Herb 6 AIALfA ) BE TR
AR St 2, R 7 i . mIE 7 AT LA
M R R B Y T e AR R A
BB YIBE A L. 7EIRE RS SR, W
T 2RI T 2R B B MR AT R B AR T g
2%, TOTE B M AR HT AN A T, DT B 25 5 7= A
TEAS . FEAH R BE 451, el ) S 3 K 45 itk
B F A W R W, GNSA09, GNSA12 FlI
GNSA 15 Y 8 K W Jd v T LAl 7, X 3R W
BRES 52 4 oM 0 A i v 0 T e M A R E 3K
B, BB RS T 9% i, GNSA A T 4= fic ik g 15
) B ERT

450 -
—=—0A

400 - —e—GNA

SA
—v— GNSA03
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