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High-efficiency exfoliation of  
large-area mono-layer graphene 
oxide with controlled dimension
Won Kyu Park1, Yeojoon Yoon2, Young Hyun Song3, Su Yeon Choi2, Seungdu Kim2,4,  
Youngjin Do2, Junghyun Lee5, Hyesung Park5, Dae Ho Yoon1 & Woo Seok Yang2

In this work, we introduce a novel and facile method of exfoliating large-area, single-layer graphene 
oxide using a shearing stress. The shearing stress reactor consists of two concentric cylinders, where 
the inner cylinder rotates at controlled speed while the outer cylinder is kept stationary. We found that 
the formation of Taylor vortex flow with shearing stress can effectively exfoliate the graphite oxide, 
resulting in large-area single- or few-layer graphene oxide (GO) platelets with high yields (>90%) within 
60 min of reaction time. Moreover, the lateral size of exfoliated GO sheets was readily tunable by simply 
controlling the rotational speed of the reactor and reaction time. Our approach for high-efficiency 
exfoliation of GO with controlled dimension may find its utility in numerous industrial applications 
including energy storage, conducting composite, electronic device, and supporting frameworks of 
catalyst.

Graphene, sp2-hybridized carbon structure with two-dimensional atomic layer, possesses remarkable physical and 
chemical properties, and has drawn worldwide research efforts since its first experimental demonstration, such 
as micro- or nano-electronics and energy storage or harvesting1–8. The material properties are largely affected by 
its specific atomic structures and morphologies. In particular, the lateral size of graphene plays a significant role 
in electrical and thermal conductivities: e.g., large-area graphene can be utilized as the transparent conductive 
film9–11. Therefore, developing a synthesis method with controllable geometrical morphologies and dimension, 
and also with large-scale production capability, is crucial for the widespread industrial application of graphene.

Among various synthesis routes developed so far, chemical vapor deposition (CVD) technique is known to 
produce large-area graphene sheets with desirable qualities12–16. However, current CVD technology is limited in 
high-yield manufacturing processes due to the its multifaceted synthesis and transfer steps and associated costs. 
Alternatively, chemical methods involving oxidation, reduction, and exfoliation processes using bulk graphite 
have been intensively studied as an effective and economical approach toward the manufacturing of graphene due 
to its facile solution processability9,17–29. In solution-based chemical processes, controlling the resulting flake size 
is vital since the lateral size of the flake has direct impact on the overall physical properties17,25,28,30.

Currently, graphene oxide (GO) is one of the most widely studied materials synthesized by the solution pro-
cessed chemical approach9,11,17–32. However, making GO with large lateral size is challenging because the flakes are 
easily torn from the sonication treatment during the exfoliation process of graphite oxide (GtO). For this reason, 
typical size of GO and reduced graphene oxide (rGO) flakes ranges from hundred nanometers to a few microns 
in lateral dimension18,33–36, and there have been many efforts to overcome this issue. Tung et al. reported GO 
flakes with lateral size of ~40 µm through versatile solution-based process37. Zhao et al. reported GO flakes with 
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lateral dimension of ~100 µm by modifying the oxidation conditions from the Hummers’ method30. However, the 
yield of single-layer GO was relatively low (~10%) in both cases. Luo et al. reported single-layer GO with high 
yield of ~90% by microwave-assisted chemical method, but the flake dimension was only ~200 µm2 in area11. 
Furthermore, microwave-assisted chemical method typically requires long synthesis time and complicated oxi-
dation processes.

Herein, we report a facile method to exfoliate GtO into large-area and single- or few-layer GO with high yield 
using shearing stress. The shearing stress reactor consists of two coaxial cylinders with the inner one rotating. 
Toroidal vortices, regularly spaced along the cylinder axis, are generated at critical rotating speed, which creates 
shearing stress to the reactants placed between the cylinders38–40. We found that this toroidal motion of fluids 
leads to highly efficient exfoliation to the lateral direction without damaging the GtO. Moreover, lateral size of 
the exfoliated GO could be readily tuned by controlling the rotational speed of the inner cylinder. To confirm 
the efficacy of the proposed approach, well-known exfoliation techniques, sonication and homogenization, were 
comparatively evaluated along with the shearing stress method.

Results and Discussion
GtO is typically fabricated by the inter-layer oxidization of natural graphite with oxidizing agents such as 
KMnO4

41–43. As synthesized GtO contains carbonyl groups on the edge sites and hydroxyl and epoxy groups 
in the basal plane, which expand the inter-layer spacing of the natural graphite17,21. GtO, with its inter-layer 
space being expanded, can then be readily exfoliated into GO with single- or multi-layers due to the weakened 
inter-layer van der Waals forces18,23.

GtO produced via the oxidation reaction (60 min) in shearing stress reactor was spectroscopically analyzed as 
shown in Fig. 144. Fig. 1a shows the x-ray diffraction (XRD) spectra of the produced GtO powders where the main 
peak of graphite at 26.5° (lower) is reduced to 10.3° after the oxidation reaction (upper). The inter-planar spacing 
of GtO (0.85 nm), measured by Bragg’s Law ( λ θ=n dsin2 ), was larger than that of the natural graphite (0.34 nm) 
due to the oxygen functional groups present on the carbon sheet17,21. Figure 1b shows the x-ray photoelectron 
spectroscopy (XPS) C1s spectra of GtO. Three main peaks from different functional groups of carbon atoms are 
clearly observed: carbon bond (C–C) at 284.5 eV, epoxy/hydroxyls group (C–O) at 286.7 eV, and carbonyl group 
(C=O) at 288.2 eV. Typical Raman spectra of graphene have two distinctive peaks at 1590 cm−1 and 1350 cm−1, G 
mode representing the sp2 C element and D mode representing the degree of defects in the sp2 domain, respec-
tively. As expected and shown in Fig. 1c, Raman spectra of GtO exhibit G band at 1589 cm−1 and pronounced D 
band at 1349 cm−1 originating from the reduced plane size of sp2 domains owing to the intensive oxidation.

Figure 1.  Spectroscopic analysis of GtO produced by shearing stress reactor. (a) XRD pattern of GtO at 10.3° 
(d-spacing: ~8.5 Å, upper) and graphite powder at 26.5° (d-spacing: ~3.4 Å, lower). (b) C1s XPS spectra of C-C 
bond at 284.5 eV (blue), C–O bond at 286.7 eV (red), and C=O bond at 288.2 eV (green). (c) Raman spectra of 
GtO with D (1349 cm−1) and G peak (1589 cm−1). 514 nm excitation.
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Figure 2 illustrates three different approaches (sonication-upper, homogenization-mid, and shearing 
stress-lower) for the GtO exfoliation process studied in this work. The GtO was prepared under the same exper-
imental conditions and the exfoliation time was kept constant for all cases. Sonication is the most widely used 
approach for the exfoliation process and the single-layered GO flakes can be readily synthesized by the ultrasonic 
force (directionless force)18,33,34,45. In the homogenization, exfoliation takes place from the lateral side of GtO 
by the shearing stress and mechanical force, which is known to produce single-layered GO with relatively large 
lateral size45. The shearing stress reactor comprises two coaxial cylinders. While the outer cylinder remains stand-
still, the inner one rotates at controlled speed. When the rotational speed of the inner cylinder reaches a threshold 
value, doughnut-shaped vortexes are generated which rotates in opposite directions with constant arrays along 
the cylinder axis38–40. This shearing stress flow induces highly effective radial mixing and uniform fluidic motion 
within each vortex cell, enabling enhanced mass transfer of the reactants. The toroidal motion also generates high 
wall shear stress, which can facilitate the GtO exfoliation (Fig. 3a).

In shearing stress reactor, the hydrodynamic condition of the fluids depends on the rotating speed of the inner 
cylinder. The shearing stress flow is formed when the Taylor number (Ta) proportional to the angular velocity of 
the inner cylinder exceeds a critical value, which is determined by the following relation38–40:
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where R1 is the radius of inner cylinder, ω1 is the angular velocity of the inner cylinder, d is the width of the annu-
lar gap, and ν is the kinematic viscosity. In this work, the viscosity was set at 200 cP (water-dispersed GtO used 
for forming the shearing stress flow) and the exfoliation was carried out from 500 to 1500 rpm for 1, 3, and 5 hr.

Figure 3b,c show the shearing stress reactor and its capability of large-volume GO production. The generated 
shearing stress, dependent on the speed of rotating inner cylinder, is plotted in Fig. 3d: 355.0 Pa at 500 rpm, 

Figure 2.  Schematic of various exfoliation methods of GtO (sonication, homogenization, and shearing stress).
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744.2 Pa at 1000 rpm, and 1250.8 Pa at 1500 rpm, respectively. As expected, shearing stress increases with rota-
tional speed, indicating more efficient GtO exfoliation at higher shear force.

The efficacy of various exfoliation methods was evaluated by analyzing the aggregated non-exfoliated GtO 
particulates. GtO was exfoliated in water, and the exfoliated GO and non-exfoliated GtO were isolated by centrif-
ugation (500 rpm) after the exfoliation process. During centrifugation, non-exfoliated GtO particulates were pre-
cipitated out, while exfoliated GO remained in the supernatant. We note that the exfoliated GO in the supernatant 
was mostly single- or few-layer, and its measured weight relative to that of the initial GtO was used to determine 
the recovery rate.

Field emission scanning electron microscopy (FE-SEM) images and recovery rates of exfoliated GO obtained 
from the shearing stress are shown in Fig. 4. The exfoliation time was varied from 1 to 5 hr, while the rotating 
speed of inner cylinder was set as 500, 1000, and 1500 rpm. At 500 rpm (Fig. 4a), the lateral size of exfoliated GO 
was ~70, ~50, and ~30 µm and the recovery rate was 83.2, 88.1 and 91.8%, at each time duration. At 1000 rpm, the 
recovery rate increased over 93% even at 1 hr of exfoliation time, and the overall flake size was ~50 µm (Fig. 4b). 
At 1500 rpm, the GO flake size ranged 10 ~ 30 µm, and the recovery rate was over 98% at all exfoliation times, 
indicating that most of GtO was successfully exfoliated and well-dispersed in water (Fig. 4c). Figure S1 shows the 
UV-vis spectrum according to the recovery rates of GO dispersed in water. GO only absorbs in the violet and UV 
range of light and has a maximum absorption at 231 nm. As the yield of single- or few-layer GO increased, the 
concentration was increased and the absorption rate increased accordingly.

Table 1 shows the lateral dimension and recovery rate of exfoliated GO via sonication and homogenization 
method under various experimental conditions (Supplementary Figures S2, 3). For the sonication method at 
80 W of sonication power, the lateral size of GO was large in general: ~50, ~40, and ~20 µm with sonication time 
of 1, 3, and 5 hr, respectively. However, the recovery rate was only 16.2% even at 5 hr of sonication time, indicating 
that most of the GtO precipitated without further exfoliation. Under this mild-sonication condition, large-size 
GO can be obtained, but achieving single-layer GO with high-yield is limited since the exfoliation cannot fully 
occur. At higher sonication power of 150 W, the exfoliation process was almost completed (recovery rates were 
92.1, 98.3, and 98.9% at 1, 3, and 5 hr, respectively) but with decreased flake size (~0.5 to 5 µm range) and nonu-
niform flake distributions. With the sonication power further increased at 200 W, the exfoliation of GtO almost 
fully occurred: the lateral size and recovery rates were ~0.8, ~0.5, and ~0.3 µm, and 98.8, 99.0 and 99.1% at 1, 3, 
and 5 hr, respectively. As shown here, sonication method is intrinsically limited in producing single-layered GO 
flakes with large lateral size since the sonication generates acoustic wave agitation which can easily damage the 
starting GtO.

For the homogenization method at 3000 rpm rotational speed, the lateral size of exfoliated GO were ~40, 
~30, and ~15 µm with homogenization time of 1, 3, and 5 hr, respectively, and the corresponding recovery rates 
were only 6.1, 13.5, and 26.7%, leaving most of the GtO unexfoliated. At 6000 rpm, the flake size was ~25 µm or 
less at all exfoliation time but the recovery rate was still 32.2% even at 5 hr of homogenization time. The recovery 
rate was somewhat improved at 9000 rpm (71.2% at 5 hr), but the corresponding flake size was less than 10 µm. 
Overall, the homogenization process results in low recovery rates with nonuniform size distributions, and the 

Figure 3.  Production of GO via shearing stress reactor. (a) Illustration of the exfoliation process of GtO flakes 
and conceptual diagram of vortex structure inside the shearing stress reactor. (b) Photograph of shearing stress 
reactor. (c) GO-water dispersions produced by shearing stress reactor. (d) Shear stress of fluid in the reactor 
with varying rotational speeds of the inner cylinder.



www.nature.com/scientificreports/

5Scientific Reports | 7: 16414  | DOI:10.1038/s41598-017-16649-y

frictional force generated between the inner and outer blades during the rotation causes significant damages 
to the exfoliated GO flakes. Consequently, the yield of large-area and single-layer GO is also quite low in this 
method.

Based on these results, we conclude that sonication method typically produces GO flakes with small sizes due 
to the destructive acoustical wave agitation in the solution, and homogenization method results in GO with vari-
ous flake size distributions because the GO sheets are readily destroyed by the mechanical forces of the blade. On 

Figure 4.  FE-SEM images and recovery rates of the exfoliated GO produced by shearing stress reactor: Inner 
cylinder rotating speed of (a) 500 rpm, (b) 1000 rpm, and (c) 1500 rpm with exfoliation time of 1, 3, and 5 hr, 
respectively. Flake size distributions from each condition is provided in the histogram. Photograph: GO 
dispersion in water after the centrifugation. Precipitates indicate the non-exfoliated GtO flakes.
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the other hand, the shearing stress process promotes the non-destructive exfoliation of GtO owing to the slippage 
of the GO induced by the in-plane directed shear stress, which is described as the rheologically derived GO.

Atomic force microscopy (AFM) was performed to analyze the thickness of GO flakes prepared by three 
exfoliation methods - sonication, homogenization, and shearing stress - for exfoliation time of 1 hr and after cen-
trifuging at 6000 rpm for 30 min (Fig. 5). The height profiles reveal uniform flake thickness of ~0.75 nm, typical 
of the exfoliated individual GO sheet, whereas the lateral size exhibited distinctive size variations: ~5, ~20, and 
~50 µm range for sonication (150 W), homogenization (6000 rpm), and shearing stress (1000 rpm), respectively. 

Exfoliation method Time (h) Condition Lateral dimension (µm) Recovery rate (%)

Sonication

1 80 W ~50 7.3 ± 0.7

3 80 W ~40 11.7 ± 0.6

5 80 W ~20 16.2 ± 0.8

1 150 W ~5 92.1 ± 1.9

3 150 W ~5 98.3 ± 2.0

5 150 W ~0.5 98.9 ± 2.1

1 200 W ~0.8 98.8 ± 1.3

3 200 W ~0.5 99.0 ± 1.9

5 200 W ~0.3 99.1 ± 2.9

Homogenization

1 3000 rpm ~40 6.1 ± 0.8

3 3000 rpm ~30 13.5 ± 0.5

5 3000 rpm ~15 26.7 ± 1.6

1 6000 rpm ~25 21.3 ± 0.4

3 6000 rpm ~15 24.3 ± 1.6

5 6000 rpm ~10 32.2 ± 1.0

1 9000 rpm ~20 49.1 ± 1.9

3 9000 rpm ~15 50.6 ± 1.2

5 9000 rpm ~10 71.2 ± 2.2

Table 1.  Lateral dimension and recovery rate of exfoliated GO flakes via sonication and homogenization 
method under various experimental conditions. Sonication power: 80, 150, and 200 W. Homogenization 
rotation speed: 3000, 6000, and 9000 rpm. Exfoliation time: 1, 3, and 5 hr.

Figure 5.  Tapping-mode AFM images and height profiles of GO sheets. Comparison of the lateral size and 
thickness of exfoliated GO prepared by (a) sonication, (b) homogenization, and (c) shearing stress reactor. 
Photograph: GO dispersion in water after the centrifugation at 6000 rpm for 30 min.
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This difference in size distribution positioned the dispersed exfoliated flakes at different locations of the conical 
tube (upper, mid, and lower region) due to varying flake weights as shown in the digital image of Fig. 5.

Compared to the conventional sonication and homogenization method, the recovery rate of shearing stress 
improved more than 90% with associated high-yield of single- or few-layered GO with large lateral size. The 
strong shear stress generated from the vortex in the reactor also enabled non-destructive exfoliation. These results 
suggest that shearing stress approach can afford effective exfoliation of GtO flakes with desired size tunability and 
quality, realizing facile production of single- or few-layer GO in high yields.

Conclusions
In summary, we have demonstrated a facile method to promote the non-destructive exfoliation process of GtO 
into GO using shearing stress reactor. We found that the shear stress generated inside the reactor enabled efficient 
exfoliation of GtO with tunable size and high yield of single- or few-layer GO sheets. In this work, large-area 
single-layer GO flakes over 80% yield was obtained, surpassing the conventional sonication or homogenization 
method. Our approach for facile and large-scale production of GO thus has great potentials in various industrial 
applications including energy storage and harvesting, conducting composites, or electronic devices.

Materials and Methods
Preparation of GtO.  Graphite flakes (150 µm, Alfa Aesar) were oxidized using the shearing stress reactor 
(Supplementary Figure S4, Lamina co. ltd). 7 g of graphite flakes was added to 250 mL of sulfuric acid (H2SO4, 
95%, Sigma Aldrich). Then, 32 g of potassium permanganate (KMnO4, Sigma Aldrich) was slowly added to the 
mixture at ~10 °C, and stirred for 30 min. Shearing stress reactor (length: 500 mm) consists of two coaxial cyl-
inders with the fixed outer cylinder (radius: 68 mm) and the rotating inner cylinder (radius: 60 mm). After the 
mixture was introduced into the gap between the two cylinders, the inner cylinder was rotated. Oxidation of 
graphite inside the shearing stress reactor led to brown-colored slurry. Then, 250 mL of purified water and 15 mL 
of hydrogen peroxide (H2O2, 30%, Sigma Aldrich) were added to the mixture, and stirred for 30 minutes. For 
purification, centrifugation was used to separate the GtO from the impurities. Finally, the dried GtO powders 
were obtained by freeze-drying.

Exfoliation of GtO for GO.  In this study, three different exfoliation methods were carried out to prepare 
GO from GtO. All exfoliation methods were conducted for 1, 3, and 5 hr duration. Variable parameters were 
power (80, 150, and 200 W) for the sonication method, rotating speed of axis (3000, 6000, and 9000 rpm) for 
the homogenization method, and rotating speed of inner cylinder (500, 1000, 1500 rpm) for the shearing stress 
reactor, respectively. In the case of sonication and homogenization method, GtO was dispersed in water with 
concentration of 1 mg/mL, whereas the viscosity of GtO dispersed in water was set at 200 cP for the shearing stress 
reactor. Non-exfoliated GtO particles were precipitated out by centrifugation at 500 rpm for 10 min. The super-
natant containing single- or few-layer GO was obtained and coated on Si substrate for further characterization.

Characterization.  The microstructure and lateral size of the samples was investigated using field emission 
scanning electron microscopy (JSM-7600F, JEOL). The thickness and lateral size of GO sheets were obtained 
using atomic force microscopy (SPA-300HV, SII). X-ray diffraction patterns of oxidized graphite were deter-
mined by D8 ADVANCE (Bruker Corporation) with Cu-Ka X-ray source. Raman spectra were obtained by 
micro-Raman system (Bruker FRA 160/S, Bruker) with excitation energy of 2.41 eV. X-ray photoelectron spec-
troscopy spectra of GO samples were obtained by VG Microtech ESCA 2000 (JEOL) with a monochromatic 
Al-Ka X-ray source at 250 W. The UV-Vis absorption spectrum was obtained by using a TIDAS 100 spectropho-
tometer (J&M, Germany). The spectrum has been recorded by measuring a 0.02 wt% solution of GO dissolved 
in water.

References
	 1.	 Geim, A. K. & Novoselov, K. S. The rise of graphene. Nat. Mater. 6, 183–191, https://doi.org/10.1038/Nmat1849 (2007).
	 2.	 Zhang, Y. B., Tan, Y. W., Stormer, H. L. & Kim, P. Experimental observation of the quantum Hall effect and Berry’s phase in graphene. 

Nature 438, 201–204, https://doi.org/10.1038/nature04235 (2005).
	 3.	 Du, X., Skachko, I., Duerr, F., Luican, A. & Andrei, E. Y. Fractional quantum Hall effect and insulating phase of Dirac electrons in 

graphene. Nature 462, 192–195, https://doi.org/10.1038/nature08522 (2009).
	 4.	 Novoselov, K. S. et al. Electric field effect in atomically thin carbon films. Science 306, 666–669, https://doi.org/10.1126/

science.1102896 (2004).
	 5.	 Nair, R. R. et al. Fine structure constant defines visual transparency of graphene. Science 320, 1308–1308, https://doi.org/10.1126/

science.1156965 (2008).
	 6.	 Geim, A. K. Graphene: Status and Prospects. Science 324, 1530–1534, https://doi.org/10.1126/science.1158877 (2009).
	 7.	 Dikin, D. A. et al. Preparation and characterization of graphene oxide paper. Nature 448, 457–460, https://doi.org/10.1038/

nature06016 (2007).
	 8.	 Lee, C., Wei, X. D., Kysar, J. W. & Hone, J. Measurement of the elastic properties and intrinsic strength of monolayer graphene. 

Science 321, 385–388, https://doi.org/10.1126/science.1157996 (2008).
	 9.	 McAllister, M. J. et al. Single sheet functionalized graphene by oxidation and thermal expansion of graphite. Chem. Mater. 19, 

4396–4404, https://doi.org/10.1021/Cm0630800 (2007).
	10.	 Westervelt, R. M. Applied physics - Graphene nanoelectronics. Science 320, 324–325, https://doi.org/10.1126/science.1156936 

(2008).
	11.	 Luo, Z. T., Lu, Y., Somers, L. A. & Johnson, A. T. C. High Yield Preparation of Macroscopic Graphene Oxide Membranes. J. Am. 

Chem. Soc. 131, 898−+, https://doi.org/10.1021/ja807934n (2009).
	12.	 Reina, A. et al. Large Area, Few-Layer Graphene Films on Arbitrary Substrates by Chemical Vapor Deposition. Nano Lett. 9, 30–35, 

https://doi.org/10.1021/nl801827v (2009).
	13.	 Chae, S. J. et al. Synthesis of Large-Area Graphene Layers on Poly-Nickel Substrate by Chemical Vapor Deposition: Wrinkle 

Formation. Adv. Mater. 21, 2328−+, https://doi.org/10.1002/adma.200803016 (2009).

http://dx.doi.org/10.1038/Nmat1849
http://dx.doi.org/10.1038/nature04235
http://dx.doi.org/10.1038/nature08522
http://dx.doi.org/10.1126/science.1102896
http://dx.doi.org/10.1126/science.1102896
http://dx.doi.org/10.1126/science.1156965
http://dx.doi.org/10.1126/science.1156965
http://dx.doi.org/10.1126/science.1158877
http://dx.doi.org/10.1038/nature06016
http://dx.doi.org/10.1038/nature06016
http://dx.doi.org/10.1126/science.1157996
http://dx.doi.org/10.1021/Cm0630800
http://dx.doi.org/10.1126/science.1156936
http://dx.doi.org/10.1021/ja807934n
http://dx.doi.org/10.1021/nl801827v
http://dx.doi.org/10.1002/adma.200803016


www.nature.com/scientificreports/

8Scientific Reports | 7: 16414  | DOI:10.1038/s41598-017-16649-y

	14.	 Kim, K. S. et al. Large-scale pattern growth of graphene films for stretchable transparent electrodes. Nature 457, 706–710, https://
doi.org/10.1038/nature07719 (2009).

	15.	 Li, X. S. et al. Large-Area Synthesis of High-Quality and Uniform Graphene Films on Copper Foils. Science 324, 1312–1314, https://
doi.org/10.1126/science.1171245 (2009).

	16.	 Li, X. S. et al. Transfer of Large-Area Graphene Films for High-Performance Transparent Conductive Electrodes. Nano Lett. 9, 
4359–4363, https://doi.org/10.1021/nl902623y (2009).

	17.	 Stankovich, S. et al. Graphene-based composite materials. Nature 442, 282–286, https://doi.org/10.1038/Nature04969 (2006).
	18.	 Stankovich, S. et al. Synthesis of graphene-based nanosheets via chemical reduction of exfoliated graphite oxide. Carbon 45, 

1558–1565, https://doi.org/10.1016/j.carbon.2007.02.034 (2007).
	19.	 Stankovich, S. et al. Stable aqueous dispersions of graphitic nanoplatelets via the reduction of exfoliated graphite oxide in the 

presence of poly(sodium 4-styrenesulfonate). J. Mater. Chem. 16, 155–158, https://doi.org/10.1039/b512799h (2006).
	20.	 Niyogi, S. et al. Solution properties of graphite and graphene. J. Am. Chem. Soc. 128, 7720–7721, https://doi.org/10.1021/ja060680r 

(2006).
	21.	 Dreyer, D. R., Park, S., Bielawski, C. W. & Ruoff, R. S. The chemistry of graphene oxide. Chem. Soc. Rev. 39, 228–240, https://doi.

org/10.1039/B917103g (2010).
	22.	 Eda, G. et al. Blue Photoluminescence from Chemically Derived Graphene Oxide. Adv. Mater. 22, 505−+, https://doi.org/10.1002/

adma.200901996 (2010).
	23.	 Park, S. & Ruoff, R. S. Chemical methods for the production of graphenes. Nat. Nanotechnol. 4, 217–224, https://doi.org/10.1038/

Nnano.2009.58 (2009).
	24.	 Wassei, J. K. & Kaner, R. B. Graphene, a promising transparent conductor. Mater. Today 13, 52–59 (2010).
	25.	 Eda, G., Fanchini, G. & Chhowalla, M. Large-area ultrathin films of reduced graphene oxide as a transparent and flexible electronic 

material. Nat. Nanotechnol. 3, 270–274, https://doi.org/10.1038/nnano.2008.83 (2008).
	26.	 Green, A. A. & Hersam, M. C. Solution Phase Production of Graphene with Controlled Thickness via Density Differentiation. Nano 

Lett. 9, 4031–4036, https://doi.org/10.1021/nl902200b (2009).
	27.	 Cote, L. J., Kim, F. & Huang, J. X. Langmuir-Blodgett Assembly of Graphite Oxide Single Layers. J. Am. Chem. Soc. 131, 1043–1049, 

https://doi.org/10.1021/ja806262m (2009).
	28.	 Li, D., Muller, M. B., Gilje, S., Kaner, R. B. & Wallace, G. G. Processable aqueous dispersions of graphene nanosheets. Nat. 

Nanotechnol. 3, 101–105, https://doi.org/10.1038/nnano.2007.451 (2008).
	29.	 Chen, C. M. et al. Self-Assembled Free-Standing Graphite Oxide Membrane. Adv. Mater. 21, 3007−+, https://doi.org/10.1002/

adma.200803726 (2009).
	30.	 Zhao, J. P., Pei, S. F., Ren, W. C., Gao, L. B. & Cheng, H. M. Efficient Preparation of Large-Area Graphene Oxide Sheets for 

Transparent Conductive Films. Acs Nano 4, 5245–5252, https://doi.org/10.1021/nn1015506 (2010).
	31.	 Wang, Y. et al. Supercapacitor Devices Based on Graphene Materials. J. Phys. Chem. C 113, 13103–13107, https://doi.org/10.1021/

jp902214f (2009).
	32.	 Watcharotone, S. et al. Graphene-silica composite thin films as transparent conductors. Nano Lett. 7, 1888–1892, https://doi.

org/10.1021/nl070477+ (2007).
	33.	 Ju, H. M., Huh, S. H., Choi, S. H. & Lee, H. L. Structures of thermally and chemically reduced graphene. Materials Letters 64, 

357–360, https://doi.org/10.1016/j.matlet.2009.11.016 (2010).
	34.	 Zhang, T. Y., Zhang, D. & Shen, M. A low-cost method for preliminary separation of reduced graphene oxide nanosheets. Materials 

Letters 63, 2051–2054, https://doi.org/10.1016/j.matlet.2009.06.050 (2009).
	35.	 Chen, L. et al. Reduction and disorder in graphene oxide induced by electron-beam irradiation. Materials Letters 65, 1229–1230, 

https://doi.org/10.1016/j.matlet.2011.01.063 (2011).
	36.	 Yang, S. T. et al. Removal of methylene blue from aqueous solution by graphene oxide. J. Colloid. Interf. Sci. 359, 24–29, https://doi.

org/10.1016/j.jcis.2011.02.064 (2011).
	37.	 Tung, V. C., Allen, M. J., Yang, Y. & Kaner, R. B. High-throughput solution processing of large-scale graphene. Nat. Nanotechnol. 4, 

25–29, https://doi.org/10.1038/nnano.2008.329 (2009).
	38.	 Taylor, G. I. Stability of a viscous liquid contained between two rotating cylinders. Philos. Trans. R. Soc. London Ser. A 223, 289–343 

(1923).
	39.	 Brandstater, A. et al. Low-dimensional chaos in a hydrodynamic system. Phys. Rev. Lett. 51, 1442–1445, https://doi.org/10.1103/

PhysRevLett.51.1442 (1983).
	40.	 Gu, Z. H. & Fahidy, T. Z. Visualization of flow patterns in axial flow between horizontal coaxial rotating cylinders. Canadian Journal 

of Chemical Engineering 63, 14–21 (1985).
	41.	 Hummers, W. S. & Offeman, R. E. Preparation of graphitic oxide. J. Am. Chem. Soc. 80, 1339 (1958).
	42.	 Brodie, B. C. On the Atomic Weight of Graphite. Philos. Trans. R. Soc. London 14, 249–259 (1859).
	43.	 Staudenmaier, L. Verfahren zur Darstellung der Graphitsa¨ure. Ber. Dtsch. Chem. Ges. 31, 1481–1487 (1898).
	44.	 Park, W. K. et al. Facile synthesis of graphene oxide in a Couette–Taylor flow reactor. Carbon 83, 217–23 (2015).
	45.	 Jeong, S. Y. et al. High-Performance Transparent Conductive Films Using Rheologically Derived Reduced Graphene Oxide. Acs 

Nano 5, 870–878, https://doi.org/10.1021/nn102017f (2011).

Acknowledgements
This work was supported by the Ministry of Trade, Industry and Energy through Technology Innovation Program 
(Grant No. 10067449) and Establishment of Foundation Project (R0004850). This work was also supported by the 
National Research Foundation of Korea (NRF-2017R1A6A3A11034559).

Author Contributions
W.K.P., Y.Y. and Y.H.S. prepared the samples and performed the characterization for most of the analyzed samples 
and written the manuscript. S.Y.C., S.K., Y.D. and J.L. carry out analyzed data, designed the experiments. W.S.Y., 
D.H.Y. and H.P. contributed the conception in this paper and analysis of the data. All authors reviewed the 
manuscript.

Additional Information
Supplementary information accompanies this paper at https://doi.org/10.1038/s41598-017-16649-y.
Competing Interests: The authors declare that they have no competing interests.
Publisher's note: Springer Nature remains neutral with regard to jurisdictional claims in published maps and 
institutional affiliations.

http://dx.doi.org/10.1038/nature07719
http://dx.doi.org/10.1038/nature07719
http://dx.doi.org/10.1126/science.1171245
http://dx.doi.org/10.1126/science.1171245
http://dx.doi.org/10.1021/nl902623y
http://dx.doi.org/10.1038/Nature04969
http://dx.doi.org/10.1016/j.carbon.2007.02.034
http://dx.doi.org/10.1039/b512799h
http://dx.doi.org/10.1021/ja060680r
http://dx.doi.org/10.1039/B917103g
http://dx.doi.org/10.1039/B917103g
http://dx.doi.org/10.1002/adma.200901996
http://dx.doi.org/10.1002/adma.200901996
http://dx.doi.org/10.1038/Nnano.2009.58
http://dx.doi.org/10.1038/Nnano.2009.58
http://dx.doi.org/10.1038/nnano.2008.83
http://dx.doi.org/10.1021/nl902200b
http://dx.doi.org/10.1021/ja806262m
http://dx.doi.org/10.1038/nnano.2007.451
http://dx.doi.org/10.1002/adma.200803726
http://dx.doi.org/10.1002/adma.200803726
http://dx.doi.org/10.1021/nn1015506
http://dx.doi.org/10.1021/jp902214f
http://dx.doi.org/10.1021/jp902214f
http://dx.doi.org/10.1021/nl070477
http://dx.doi.org/10.1021/nl070477
http://dx.doi.org/10.1016/j.matlet.2009.11.016
http://dx.doi.org/10.1016/j.matlet.2009.06.050
http://dx.doi.org/10.1016/j.matlet.2011.01.063
http://dx.doi.org/10.1016/j.jcis.2011.02.064
http://dx.doi.org/10.1016/j.jcis.2011.02.064
http://dx.doi.org/10.1038/nnano.2008.329
http://dx.doi.org/10.1103/PhysRevLett.51.1442
http://dx.doi.org/10.1103/PhysRevLett.51.1442
http://dx.doi.org/10.1021/nn102017f
http://dx.doi.org/10.1038/s41598-017-16649-y


www.nature.com/scientificreports/

9Scientific Reports | 7: 16414  | DOI:10.1038/s41598-017-16649-y

Open Access This article is licensed under a Creative Commons Attribution 4.0 International 
License, which permits use, sharing, adaptation, distribution and reproduction in any medium or 

format, as long as you give appropriate credit to the original author(s) and the source, provide a link to the Cre-
ative Commons license, and indicate if changes were made. The images or other third party material in this 
article are included in the article’s Creative Commons license, unless indicated otherwise in a credit line to the 
material. If material is not included in the article’s Creative Commons license and your intended use is not per-
mitted by statutory regulation or exceeds the permitted use, you will need to obtain permission directly from the 
copyright holder. To view a copy of this license, visit http://creativecommons.org/licenses/by/4.0/.
 
© The Author(s) 2017

http://creativecommons.org/licenses/by/4.0/

	High-efficiency exfoliation of large-area mono-layer graphene oxide with controlled dimension

	Results and Discussion

	Conclusions

	Materials and Methods

	Preparation of GtO. 
	Exfoliation of GtO for GO. 
	Characterization. 

	Acknowledgements

	Figure 1 Spectroscopic analysis of GtO produced by shearing stress reactor.
	Figure 2 Schematic of various exfoliation methods of GtO (sonication, homogenization, and shearing stress).
	Figure 3 Production of GO via shearing stress reactor.
	Figure 4 FE-SEM images and recovery rates of the exfoliated GO produced by shearing stress reactor: Inner cylinder rotating speed of (a) 500 rpm, (b) 1000 rpm, and (c) 1500 rpm with exfoliation time of 1, 3, and 5 hr, respectively.
	Figure 5 Tapping-mode AFM images and height profiles of GO sheets.
	Table 1 Lateral dimension and recovery rate of exfoliated GO flakes via sonication and homogenization method under various experimental conditions.




