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High Tensile Ductility and Strength
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Processing
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The combination of high strength and good ductility are very desirable for advanced structural and
functional applications. However, measures to enhance strength typically lead to ductility reduction
due to their inverse correlation, nano-grained structures for an instance. Bi-modal grain structure is
promising in this regard, but its realization is limited by multiple complex processing steps. Here, we
demonstrate a facile single-step processing route for the development of bimodal grain structure in
austenitic stainless steel, SS316L. The bimodal structure comprised of fine martensite grains (<500 nm)
sandwiched between coarse austenite grains (~10 µm). The dual-phase bimodal structure demonstrated
higher yield strength (~620 MPa) compared to ultra-fine grain structure (~450 MPa) concurrent with
high uniform tensile ductility (~35%). These exceptional properties are attributed to unique dual-phase,
bimodal grain structure which delayed the onset of plastic instability resulting in higher strength as well
as larger uniform elongation and work-hardening rate. Our approach may be easily extended to a wide
range of material systems to engineer superior performance.

The trade-off between strength and ductility remains one of the major bottlenecks in the development of
advanced structural materials. Attempts to enhance strength invariably results in ductility reduction through
restricted dislocation movement. Heterogeneities at microstructural length-scales through hierarchal architecture have been utilized for overcoming strength-ductility paradox including, nano-twinned grains1,2, heterogeneous lamellae3–5, laminate6, harmonic6,7 and bimodal structures8–10. Bimodal microstructure, comprising of
fine grains in the matrix of coarse grains or vice-versa are promising in this regard. Finer grains provide high
strength while the coarser grains contribute to appreciable ductility through sufficient dislocation accommodation. However, coarser grains in bimodal structure leads to lower strength compared to ultrafine-grained (UFG)
microstructure for the same alloy. Microstructure design wherein the loss in strength from coarse grains can be
compensated, is likely to result in superior mechanical properties, even better than conventional ultrafine and
bimodal grain structures11,12.
The realization of bimodal grain structure is limited by multiple complex processing steps involving a combination of severe plastic deformation, heat treatment and/or cryogenic processing8,13–16. Achieving such desirable
microstructures is even more challenging in high strength materials such as stainless steels. This is attributed to
their high resistance to plastic deformation and limited sensitivity to heat-treatment. In addition, bimodal grain
structure obtained in all previous studies demonstrated lower strength compared to the corresponding ultra-fine
grain structure. Here, we demonstrate a novel, single-step processing route for the development of dual-phase,
bimodal grain structure in stainless steel. In contrast to previous studies, the bimodal structure in the current
study showed higher strength and work-hardening rate compared to the ultra-fine grain structure without compromising tensile ductility. The reduction in strength from coarse grains is more than compensated by fine martensite grains distributed in the austenite matrix.
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Figure 1. (a) Schematic showing the submerged friction stir processing (SFSP) and submerged stationary
friction stir processing (SSFSP) techniques used in the current study. The rotating tool traverses along the
workpiece during SFSP wheras, the tool rotates at a particular location of the workpiece during SSFSP. The
workpiece remained submerged in a pool of low temperature liquid in both the cases. While SFSP resulted in
ultra-fine grain structure, SSFSP produced dual-phase bimodal grain structure.

Materials and Methods
The material used in the current investigation was austenitic stainless steel, 316 L. Submerged friction stir processing (FSP) was performed to tailor the surface properties using a pin-less tool made of tungsten carbide with
12 mm shoulder diameter. FSP was performed with the following processing parameters: (1) rotational speed of
1800 rpm and 0.4 mm plunge depth, tool was traversed along the longitudinal direction at 20 mm/min on the
workpiece while submerged in a pool of liquid (mixture of distilled water and ethanol in equal proportion) at
0 °C; (2) tool was rotated at 1800 rpm at a particular location of the workpiece for a period of 15 minutes while
submerged in a pool of liquid, resulting in localized straining. A special purpose FSP fixture was fabricated for
holding the sample while submerged in the liquid bath. The FSP fixture was connected to an external chiller
through inlet and outlet ports for constant flow of coolant at nearly 100 ml/min. All samples were polished down
to 3000 grit followed by electro-polishing in 10% oxalic acid solution at 650 mV for 2 minutes. The grain size
and phase distribution for the processed and unprocessed samples were obtained using electron back scatter
diffraction (EBSD) and X-ray diffraction. EBSD analysis was conducted using FEI Quanta 3D FEG using step
size of 0.1 µm. Grain size distribution and statistical deviation for all specimen was obtained from EBSD image
analysis. Specimen for transmission electron microscope (TEM) studies were prepared using FEI Nova NanoLab
200TM focused ion beam (FIB). Microstructure observation was carried out on FEI Tecnai F20 field emission
gun TEM operating at 200 kV. For tensile testing, dog-bone shaped mini-tensile specimens with dimensions of
5 mm × 1.25 mm × 0.4 mm were prepared using computer numerical control (CNC) machine. All tests were done
at room temperature at a strain rate of 10−3 s−1. Each sample was tested two times to ensure repeatability of results.

Results and Discussion
Schematic representations of the processing routes used in this study are summarized in Fig. 1. The processing involves plunging a rotating cylindrical tool and traversing it along the length of the specimen, resulting in
ultra-fine grain structure. In contrast, rotating the tool at a specific location on the workpiece resulted in bimodal
grain structure comprising of fine grains in a matrix of coarse grains. The work-piece remained immersed in a
low temperature liquid during processing in both the cases. The depth of the processed region in both the cases
was found to be nearly 300 µm. The electron back scatter diffraction images for the as-received, ultra-fine and
bimodal grain structure are shown in Fig. 2a–c. The as-received steel showed a wide variation in grain size with
average value of 22 µm and standard deviation of 8.5 µm. The UFG steel had significantly refined microstructure
with average grain size of nearly 0.9 µm and small standard deviation of about 0.33. In contrast, the bimodal
grain steel showed extremely fine grains (<500 nm) embedded in the matrix of coarse grains of nearly 10 µm
in size. The average grain size of bimodal specimen was nearly 3.5 µm. The finer grains in the bimodal steel
were martensite while coarse grains were austenite as shown by EBSD phase map (Fig. S1). The volume fraction
of martensite was nearly 30% and 8% in bimodal and UFG specimen respectively, while as-received steel had
predominantly austenite. X-ray diffraction (XRD) supported the presence of martensite phase in the bimodal
specimen (Fig. S1). XRD for UFG steel showed austenite as the primary phase, but there was no indication of the
presence of martensite likely due to the small volume fraction. TEM analysis of the ultra-fine grain steel, shown
in Fig. 3a, revealed a microstructure with large volume fraction of elongated deformation bands divided by thin
boundaries. Within the deformation bands, high density of dislocations can be observed. The average band width
is roughly 40–50 nm. Figure 3b,c shows fine grains of the order of 200–400 nm and sub-grains in the bimodal
specimen. The bimodal specimen also showed extremely fine deformation bands and sub-grain features consisting of regions with very high and low dislocations density (Fig. 3d). This heterogeneity divided the microstructure
into fine/coarse grains structure, which agrees well with the EBSD results. Figure 3e shows the pile up of dislocations along the grain boundaries. The selected area diffraction pattern (SADP) for the bimodal specimen showed
BCC martensite in FCC austenite matrix (Fig. 3f) in line with the EBSD phase analysis.
The engineering stress-strain curve for all specimen are shown in Fig. 4a. The as-received steel showed
yield strength of 300 MPa and 50% uniform elongation. As expected, the yield strength of UFG steel showed an
SCIENTIFIC REPORTS |

(2019) 9:1972 | https://doi.org/10.1038/s41598-019-38707-3

2

www.nature.com/scientificreports/

Figure 2. Electron back scatter diffraction images for (a) as-received stainless steel, SS316L, (b) ultra-fine grain
structure in SS316L, and (c) bimodal grain structure in SS316L. The as-received steel had an average grain size
of 22 µm which got refined to 0.9 µm for the ultra-fine grain structure. The bimodal steel showed fine martensite
grains (<500 nm) embedded in the matrix of coarse austenite grains. The average grain size for the bimodal
grain structure was found to be 3.5 µm.

Figure 3. Transmission electron microscope (TEM) images for (a) ultra-fine grain steel; bimodal steel showing
(b) finer grains of the order of 200–400 nm, (c) fine sub grains, (d) fine deformation bands, (e) high density
dislocation along the grain boundary, and (f) selected electron diffraction pattern (SADP). The UFG steel
showed elongated deformation bands with high density dislocation. SADP for bimodal specimen showed both
FCC and BCC phases. The BCC phase corresponds to martensite.

increase to 450 MPa, concurrent with decrease in uniform elongation to 30%. The bimodal specimen demonstrated highest yield strength of 620 MPa with elongation of 35%. This is in sharp contrast to previous reports
that showed lower yield strength of bimodal specimen over UFG/nano-grained specimen17–20. Also, the bimodal
steel showed highest rate of work-hardening followed by UFG and the as-received steel (Fig. 4b). The variation of
work-hardening rate as a function of true strain was however similar for all three specimens with three distinct
stages. An initial high rate of work hardening was followed by reduced near steady-state stage with minimum
work-hardening rate towards higher strain values. The fractographs of all tensile tested specimen showed similar
features of extensive dimple formation (Fig. 5), indicating appreciable plastic deformation prior to the failure.
Grain refinement by traversing the rotating tool over workpiece is well known for friction stir processing21–24.
It proceeds by primary recrystallization whereby the cold-worked structure is replaced by the recrystallized
grains. The recovery process in low stacking fault energy materials, such as austenitic stainless steel, is relatively
slow and undergoes dynamic recrystallization when critical deformation conditions are met. Typically, the recrystallization phenomena in these materials involve generation of new grain structure by distinct nucleation and
growth phases, commonly referred as discontinuous dynamic recrystallization (DDRX)25. During deformation,
prior grain boundaries and high angle grain boundaries acts as nucleation sites for the formation of new grains.
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Figure 4. Engineering stress-strain curve for as-received stainless steel, ultra-fine grain steel and bimodal grain
steel; (b) Work-hardening rate as a function of strain for all the investigated specimen. The bimodal structure
showed higher yield strength of 620 MPa compared to ultra-fine grain structure (~450 MPa) concurrent with
high uniform tensile ductility (~35%).

Figure 5. Fractographs showing the fracture surfaces from tensile testing for (a) as-received steel, (b) ultrafine grain steel, (c) bimodal steel. All samples show similar features of extensive dimple formation indicating
appreciable plastic deformation prior to the failure.

As the recrystallization proceeds, the nucleated grains form a thickening band of recrystallized grains in a
necklace-type pattern which eventually leads to a fully recrystallized structure. Mathematically, the condition
for
.
.
DDRX to occur is given by the relation: ρ 3m/ε > 2γb/KMLGb5 where, ρm is the mobile dislocation density, ε is the
strain rate, γb is the grain boundary energy, K is a constant fraction of the dislocation line energy that is stored in
the newly formed grains, L is mean slip distance of dislocations in these grains, M is the boundary mobility, G is
the shear modulus, and b is the Burger’s vector. The inequality suggests that higher dislocation density favours
DDRX. The energy stored in the structure during deformation is the driving force for the completion of recrystallization25. The origin of bi-modal structure is likely related to the mechanism of microstructural evolution
during DDRX. The application of external strain causes sliding/migration of the parent grain boundaries. The
migrating grain boundary acts as a nucleation site for the development of new stress-free
grains, the dimeter (d)
.
.
of which can be expressed by the relation: d = MLGb 3ρm2/ε25 where M, L, G, b,ρm and ε have ususal meanings as
above. Thus, higher the strain-rate, lower is the nucleated grain size. As the grain boundaries sweep through the
matrix during recrystallization and grain growth, the dislocation density decreases in the migrating regions,
whereas their density inside the recrystallized grain tends to increase due to concurrent deformation. The growth
rate of nucleated grains during DDRX is dependent on the dislocation density. Typically, the grain growth rate
reduces with increase in dislocation density and eventually, the nucleated grains ceases to grow. Nucleation of new
grains at migrating grain boundaries may also limit the growth of nucleated grains during DDRX. Since, the
strain rate during friction stir processing is proportional to tool rotational speed26, the nucleated grains are likely
to be very fine due to high rotational speed used in the current study. During stationary processing, the material
was strained for a significantly longer time compared to conventional FSP. The dislocation density in the nucleated grains is much higher due to aforementioned high localized staining (as evidenced by TEM results), which
consequently limits their growth and the expansion of necklace pattern into the parent grain. This may explain
the observation of complete recrystallized parent grains in juxtaposition with fine grain structure resulting in the
observed bimodal grain structure. To validate this hypothesis, stationary processing was performed for a lower
time of 5 minutes. With decrease in processing time, the bimodal grain structure became coarser (Fig. S2(a)). The
average size of austenite grains increased to nearly 15 µm while fraction of fine martensite grains got reduced
compared to 15 minutes stationary processing (Fig. S2(b)). The dislocation density for lower processing time is
likely to decrease resulting in larger growth of nucleated grains and thus coarser bimodal grain structure. In
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contrast, nucleation of martensite phase through recrystallization is highly unlikely as it is a diffusion-less transformation. During stationary processing, the material is strained locally resulting in pile up of dislocations along
the grain boundaries (Fig. 3e). The stacked up dislocations form slip bands with bundles of twins and faults which
act as martensite nucleation sites27. In addition, an increase in inelastic strain from deformation causes nano-twins
and sub-grain features (Fig. 3c) with higher stacking faults that can transform into martensite after a critical
strain. The critical strain energy for austenite to martensite transformation is proportional to the difference in
their Gibbs free energy (∆GƔ→ά). Deformation induced stress acts as an additional driving force for martensite
transformation by increasing the internal strain energy. Accumulation of internal energy through dislocations is
limited by the recovery process28,29 and stabilized austenite phase, thus constraining continual growth of martensite phase. This resulted in the unique dual-phase bimodal grain structure.
The bimodal specimen demonstrated higher work hardening, higher yield strength as well as larger elongation
compared to UFG specimen. Work hardening in the material delays the onset of tensile instability which is given
by Conside’re criteria30,31: (∂σ /∂ε)ε. ≤ σ , where σ and ε are the true stress and strain respectively. Typically, fine
grain materials show plastic instability (i.e. loss of work hardening) at lower strains. This is attributed to lower
dislocation density in fine grains. Higher strength and ductility seen for the bimodal specimen implies delayed
plastic instability through appreciable strain-hardening. The unusual properties of bimodal specimen are attributed to its unique dual-phase microstructure. The fine martensite grains embedded in coarse austenite matrix of
bimodal steel may be modelled as a dispersion strengthened system32,33. For dispersion strengthened alloys, the
work-hardening rate primarily depends on the average dislocation density around particles interacting with primar y dislocations 32 . Mathematically, work hardening rate for dual-phase alloys is given as:
dσ /dε = αµ(f /d )1/2 (b /ε)1/2 where, σ is the true stress, ε is the true strain, α is a constant, µ is shear stress, f is the
volume fraction of second phase, d is the particle size and b is the burgers vector. Linear dependence of work
hardening rate on (f /d )1/2 implies that increasing the volume fraction of hard second-phase at constant diameter
increases the work-hardening rate as well as the tensile strength with concurrent decreases in elongation. In contrast, decreasing the diameter of second phase at constant volume fraction increases the work-hardening rate.
High dislocation density around hard, non-deformable fine second phase favors appreciable elongation before
failure. Thus, strength can be improved by increasing the volume fraction of second-phase while work-hardening
and ductility can be enhanced by reducing the diameter of second-phase. The average size/diameter of martensite
grains in bimodal specimen (<500 nm) was of the same order or smaller compared to the average grain size of the
UFG specimen (~0.9 µm). The martensite volume fraction in bimodal specimen was considerably larger (~30%)
compared to UFG steel (~8%). Therefore, simultaneous higher yield strength and work-hardening rate for
bimodal specimen is attributed to higher volume fraction of finer martensite grains. The larger elongation for
bimodal specimen may be explained based on high dislocation density at hard non-deformable martensite grains
and high dislocation carrying capacity of coarse austenite grains.
In summary, we demonstrated a novel processing pathway for developing unique dual-phase bimodal grain
structure comprising of fine martensite grains embedded in the matrix of coarse austenite grains. The bimodal
grain structure showed higher yield strength of 620 MPa compared to 450 MPa for the ultra-fine grain structure
while maintaining high tensile ductility. The unusual properties of bimodal specimen are attributed to its unique
dual-phase microstructure. The large fraction of fine martensite grains in the coarse austenitic phase delayed the
onset of plastic instability resulting in significant work-hardening for bimodal grain structure, providing a pathway for circumventing the strength-ductility paradox in structural alloys.

Data Availability
All data generated or analyzed during this study are included in this paper. Raw datasets are available from the
corresponding author, upon receipt of a reasonable request.

References
1. Sun, L., He, X. & Lu, J. Nanotwinned and hierarchical nanotwinned metals: a review of experimental, computational and theoretical
efforts. npj Computational Materials 4, 6, https://doi.org/10.1038/s41524-018-0062-2 (2018).
2. Wang, L., Zhang, Z. & Han, X. In situ experimental mechanics of nanomaterials at the atomic scale. Npg Asia Materials 5, e40,
https://doi.org/10.1038/am.2012.70 (2013).
3. Wu, X. et al. Heterogeneous lamella structure unites ultrafine-grain strength with coarse-grain ductility. Proceedings of the National
Academy of Sciences 112, 14501–14505, https://doi.org/10.1073/pnas.1517193112 (2015).
4. Giannelis, E. P. Polymer Layered Silicate Nanocomposites. Advanced Materials 8, 29–35, https://doi.org/10.1002/adma.19960080104
(1996).
5. Sun, Z., Tan, X., Tor, S. B. & Chua, C. K. Simultaneously enhanced strength and ductility for 3D-printed stainless steel 316L by
selective laser melting. NPG Asia Materials 10, 127–136, https://doi.org/10.1038/s41427-018-0018-5 (2018).
6. Lakes, R. Materials with structural hierarchy. Nature 361, 511, https://doi.org/10.1038/361511a0 (1993).
7. Wang, Z. et al. Hybrid nanostructured aluminum alloy with super-high strength. Npg Asia Materials 7, e229, https://doi.org/10.1038/
am.2015.129.
8. Azizi-Alizamini, H., Militzer, M. & Poole, W. A novel technique for developing bimodal grain size distributions in low carbon steels.
Scripta Materialia 57, 1065–1068 (2007).
9. Wang, Y., Chen, M., Zhou, F. & Ma, E. High tensile ductility in a nanostructured metal. Nature 419, 912, https://doi.org/10.1038/
nature01133.
10. Li, Z., Pradeep, K. G., Deng, Y., Raabe, D. & Tasan, C. C. Metastable high-entropy dual-phase alloys overcome the strength–ductility
trade-off. Nature 534, 227 (2016).
11. Zhao, M.-C., Yin, F., Hanamura, T., Nagai, K. & Atrens, A. Relationship between yield strength and grain size for a bimodal
structural ultrafine-grained ferrite/cementite steel. Scripta Materialia 57, 857–860, https://doi.org/10.1016/j.scriptamat.2007.06.062
(2007).
12. Yao, M. J. et al. Strengthening and strain hardening mechanisms in a precipitation-hardened high-Mn lightweight steel. Acta
Materialia 140, 258–273, https://doi.org/10.1016/j.actamat.2017.08.049 (2017).
13. Nagy, E., Mertinger, V., Tranta, F. & Sólyom, J. Deformation induced martensitic transformation in stainless steels. Materials Science
and Engineering: A 378, 308–313 (2004).

SCIENTIFIC REPORTS |

(2019) 9:1972 | https://doi.org/10.1038/s41598-019-38707-3

5

www.nature.com/scientificreports/
14. Okitsu, Y., Takata, N. & Tsuji, N. Mechanical properties of ultrafine grained ferritic steel sheets fabricated by rolling and annealing
of duplex microstructure. Journal of Materials Science 43, 7391–7396 (2008).
15. Witkin, D., Lee, Z., Rodriguez, R., Nutt, S. & Lavernia, E. Al–Mg alloy engineered with bimodal grain size for high strength and
increased ductility. Scripta Materialia 49, 297–302 (2003).
16. Grovenor, C. R. M., Hentzell, H. T. G. & Smith, D. A. The development of grain structure during growth of metallic films. Acta
Metallurgica 32, 773–781, https://doi.org/10.1016/0001-6160(84)90150-0 (1984).
17. Valiev, R. Nanostructuring of metals by severe plastic deformation for advanced properties. Nature Materials 3, 511, https://doi.
org/10.1038/nmat1180 (2004).
18. Koch, C. C. Optimization of strength and ductility in nanocrystalline and ultrafine grained metals. Scripta Materialia 49, 657–662,
https://doi.org/10.1016/S1359-6462(03)00394-4 (2003).
19. Valiev, R. Materials science: nanomaterial advantage. Nature 419, 887 (2002).
20. Patra, S., Hasan, S. M., Narasaiah, N. & Chakrabarti, D. Effect of bimodal distribution in ferrite grain sizes on the tensile properties
of low-carbon steels. Materials Science and Engineering: A 538, 145–155, https://doi.org/10.1016/j.msea.2011.12.114 (2012).
21. Chang, C., Du, X. & Huang, J. Achieving ultrafine grain size in Mg–Al–Zn alloy by friction stir processing. Scripta Materialia 57,
209–212 (2007).
22. Mishra, R. S., Mahoney, M., McFaden, S., Mara, N. & Mukherjee, A. High strain rate superplasticity in a friction stir processed 7075
Al alloy. Scripta Materialia 42 (1999).
23. Nene, S. S. et al. Enhanced strength and ductility in a friction stir processing engineered dual phase high entropy alloy. Scientific
Reports 7, 16167, https://doi.org/10.1038/s41598-017-16509-9 (2017).
24. Fujii, H. et al. Friction stir welding of ultrafine grained interstitial free steels. Materials transactions 47, 239–242 (2006).
25. Humphreys, F. J. & Hatherly, M. Recrystallization and related annealing phenomena. (Elsevier 2012).
26. Chang, C. I., Lee, C. J. & Huang, J. C. Relationship between grain size and Zener–Holloman parameter during friction stir processing
in AZ31 Mg alloys. Scripta Materialia 51, 509–514, https://doi.org/10.1016/j.scriptamat.2004.05.043 (2004).
27. Tamura, I. Deformation-induced martensitic transformation and transformation-induced plasticity in steels. Metal Science 16,
245–253, https://doi.org/10.1179/030634582790427316 (1982).
28. Wang, M. M., Tasan, C. C., Ponge, D., Kostka, A. & Raabe, D. Smaller is less stable: Size effects on twinning vs. transformation of
reverted austenite in TRIP-maraging steels. Acta Materialia 79, 268–281, https://doi.org/10.1016/j.actamat.2014.07.020 (2014).
29. Shin, H. C., Ha, T. K. & Chang, Y. W. Kinetics of deformation induced martensitic transformation in a 304 stainless steel. Scripta
Materialia 45, 823–829 (2001).
30. Jia, D. et al. Deformation behavior and plastic instabilities of ultrafine-grained titanium. Applied Physics Letters 79, 611–613, https://
doi.org/10.1063/1.1384000 (2001).
31. Paupler, P. & Dieter, G. E. Mechanical Metallurgy. 3rd ed., Mc Graw-Hill Book Co., New York 1986. XXIII + 751 p., DM 138.50,
ISBN 0–07–016893–8. Crystal Research and Technology 23, 194–194, https://doi.org/10.1002/crat.2170230211 (1988).
32. Smallman, R. E. & Bishop, R. J. Modern Physical Metallurgy and Materials Engineering. (Elsevier Science 1999).
33. Prasad, C., Bhuyan, P., Kaithwas, C., Saha, R. & Mandal, S. Microstructure engineering by dispersing nano-spheroid cementite in
ultrafine-grained ferrite and its implications on strength-ductility relationship in high carbon steel. Materials & Design 139,
324–335, https://doi.org/10.1016/j.matdes.2017.11.019 (2018).

Acknowledgements
H.S. Arora thankfully acknowledge the financial assistance provided by Science and Engineering Research Board
(SERB), Department of Science and Technology, under the project titled “Tailoring the Surface Properties of
Crystalline and Amorphous Metals for Advanced Bio-Implants” (File no. YSS/2015/000678).

Author Contributions
H.S.A. conceptualized the whole study and monitored the work. H.S.G., K.S. and J.S. desigend and fabricated the
set up and performed friction stir processing under different conditions. A.A. and M.P. performed mechanical
testing and fractography of all samples under the supervision of S.M. S.R. performed TEM studies. H.S.A. wrote
the manuscript which was finally reviewed by all the authors.

Additional Information
Supplementary information accompanies this paper at https://doi.org/10.1038/s41598-019-38707-3.
Competing Interests: The authors declare no competing interests.
Publisher’s note: Springer Nature remains neutral with regard to jurisdictional claims in published maps and
institutional affiliations.
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 Creative 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 permitted 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) 2019

SCIENTIFIC REPORTS |

(2019) 9:1972 | https://doi.org/10.1038/s41598-019-38707-3

6

